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Overview

Invited Talks
CPP 1.1 Mon
CPP 1.2 Mon
CPP 14 Mon
CPP 1.5 Mon
CPP 2.1 Mon
CPP 3.1 Mon
CPP 9.1 Mon
CPP 20.6 Tue
CPP 24.1 Tue
CPP 24.2 Tue
CPP 24.5 Tue
CPP 30.1 Wed
CPP 39.1 Wed
CPP 39.2 Wed
CPP 39.7 Wed
CPP 48.1 Wed
CPP 49.1 Wed

Chemical and Polymer Physics Division
Fachverband Chemische Physik und Polymerphysik (CPP)

Andreas Fery
Leibniz-Institut fiir Polymerforschung Dresden

Hohe Strasse 6
01069 Dresden
fery@Qipfdd.de

e.V.

Marcus Miiller
Georg-August-Universitdt Gottingen
Institut fiir Theoretische Physik
Friedrich-Hund-Platz 1
37077 Gottingen
mmueller@theorie.physik.uni-goettingen.de

Overview of Invited Talks and Sessions
(Lecture halls H8, H13, H14, and H18; Poster B1)

9:30-10:00

10:00-10:30

10:45-11:15

11:30-12:00

9:30-10:00

9:30-10:00

15:00-15:30

10:45-11:15

10:45-11:15

11:30-12:00

12:30-13:00

9:30-10:00

15:00-15:30

15:30-16:00

17:15-17:45

15:45-16:15

17:15-17:45

H14

H14

H14

H14

H18

H13

H18

H13

H14

H14

H14

H14

H14

H14

H14

H13

H18

Building Complex Colloids with Block Copolymers and Topology —
¢ ANDRE GROESCHEL

Gradient dynamics models for films of complex fluids and beyond -
Dewetting, line deposition and crystallisation — eUWE THIELE
Controlling structure, orientation and nanomorphology in semi-
conducting and conducting polymer films — eMARTIN BRINKMANN,
LAURE BINIEK, VISHNU VIJAYAKUMAR, VIKTORIIA UNTILOVA

Conjugated polymers: linking mesoscopic morphology and charge
transport — eDENIS ANDRIENKO

The perovskite/transport layer interfaces dominate non-radiative re-
combination in efficient perovskite solar cells — eMARTIN STOLTERFOHT,
PIETRO CAPRIOGLIO, CHRISTIAN WOLFF, JOSE MARQUEZ, THOMAS KIR-
CHARTZ, THOMAS UNOLD, DIETER NEHER

Tailoring the Excited State Energy Landscape in Supramolecular
Nanostructures — eRICHARD HILDNER

Bulk Amounts of (6,5) Carbon Nanotubes for (Opto)- Electronic De-
vices — oJANA ZAUMSEIL

Dynamic surface tension of soft solids — MATHIJS VAN GORCUM, BRUNO
ANDREOTTI, JACCO SNOEIJER, e STEFAN KARPITSCHKA

Mechanochemical activation of Cu-NHC-complexes : molecular design,
force-measurements and application in polymer materials — ¢ WOLFANG
H BINDER, MICHEL BIEWEND, PHILIPP MICHAEL, MARTIN BEYER, MATTHEW
SAMMON

Mechanoradicals in collagen or: Why playing soccer hurts — eFRAUKE
GRATER, CHRISTOPHER ZAPP, AGNIESZKA OBARSKA-KOSINSKI, CSABA DA-
DAY, REINHARD KAPPL

The challenges and opportunities of polymer mechanochemistry —
eROMAN BouLATOV

Microstructural transitions and characterization of capillary suspen-
sions — SEBASTIAN BINDGEN, FRANK BOSSLER, IRENE NATALIA, eERIN KOOS
Film formation, microstructure and ferroelectricity of MAPDI3 light-
harvesting layers — HOLGER ROHM, TOBIAS LEONHARD, ALEXANDER
SCHULZ, SUSANNE WAGNER, MICHAEL HOFFMANN, ¢ ALEXANDER COLSMANN
How do evaporating thin films evolve? Unravelling phase-separation
mechanisms during solvent-based fabrication of polymer blends —
eOLGA WODO

Thin film structuring upon liquid-vapor mass exchange — eJASPER
MICHELS

Many Weak Interactions Make a Difference - from Fuzzy Biomolecular
Self Assembly to Superselectivity — eRALF RICHTER
Stimuli-Responsive Polymer-Based Sensors, Muscles, and Drug Deliv-
ery Platforms — eMICHAEL SERPE
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CPP 51.1

CPP 56.1

CPP 56.3

CPP 56.5

CPP 58.1

CPP 59.1

CPP 66.1

Thu

Thu

Thu

Thu

Thu

Thu

Fri

9:30-10:00

15:00-15:30

15:45-16:15

16:45-17:15

15:00-15:30

15:00-15:30

9:45-10:15

H13

H14

H14

H14

H13

HS8

H18

Systematic Dynamic Coarse-Graining with Memory — GERHARD JUNG,
MARTIN HANKE, eFRIEDERIKE SCHMID

Microstructure resolved simulations and theory based modeling: Tools
for exploring the inner life of a battery — e ARNULF LATZ

Increasing the rate capability of thick graphite electrodes: Insights
from MRI, NMR and porous electrode theory modelling — eJAMIE
FoSTER

Numerical Simulation and Machine Learning in Virtual Materials De-
sign — eJAN HAMAEKERS

Gyroids on the nanoscale: Metamaterials with surprising optical prop-
erties — eBoDO WILTS

Polymer-Grafted Nanoparticle Membranes with Exceptional Gas Sep-
aration Performance — eSANAT KUMAR

Coupled Organic-Inorganic Nanostructures for Optical Switches —
eMARCUS SCHEELE

Invited talks of the joint Symposium SKM Dissertation-Prize 2019
See SYSD for the full program of the symposium.

SYSD 1.1
SYSD 1.2
SYSD 1.3
SYSD 1.4
SYSD 1.5
SYSD 1.6

SYSD 1.7

Mon
Mon
Mon
Mon
Mon
Mon

Mon

9:30- 9:50
9:50-10:10
10:10-10:30
10:30-10:50
10:50-11:10
11:10-11:30

11:30-11:50

H2
H2
H2
H2
H2
H2

H2

Synchronization and Waves in Confined Complex Active Media — eJAN
FREDERIK TOTZ

Spin scattering of topologically protected electrons at defects — ePHILIPP
RUSSMANN

Beyond the molecular movie: Revealing the microscopic processes be-
hind photo-induced phase transitions — ¢CHRIS W. NICHOLSON
Thermodynamic bounds on current fluctuations — ePATRICK PIETZONKA
Lightwave-driven quasiparticle acceleration — eFABIAN LANGER
Ultrafast plasmon-driven point-projection electron microscopy — eJAN
VOGELSANG

Helimagnets, sand patterns and fingerprints linked by topology —
ePEGGY SCHONHERR

Invited talks of the joint Symposium Mechanically Controlled Electrical Conductivity of Oxides
See SYCO for the full program of the symposium.

SYCO 1.1

SYCO 1.2

SYCO 1.3
SYCO 1.4

SYCO 1.5

Mon

Mon

Mon
Mon

Mon

9:30-10:00

10:00-10:30

10:30-11:00
11:30-12:00

12:00-12:30

H1

H1

H1
H1

H1

Dislocation Dynamics and Their Conductivities in Oxides — oY UICHI
IKUHARA

Strain effects in ionic conductivity and electrode processes — ¢JURGEN
JANEK

Elastic dipoles of point defects in materials — ¢ CELINE VARVENNE
Mapping strain/pressure with ZnO nanowire arrays by piezo-
phototronic effect — ¢ CAOFENG PAN

Bulk and Flexo-photovoltaic effect — eMARIN ALEXE

Invited talks of the joint Symposium Patterns in Nature: Origins, Universality, Functions
See SYPN for the full program of the symposium.

SYPN 1.1

SYPN 1.2

SYPN 1.3

SYPN 1.4
SYPN 1.5

Mon

Mon

Mon

Mon
Mon

15:00-15:30

15:30-16:00

16:00-16:30

16:45-17:15
17:15-17:45

H1

H1

H1

H1
H1

Engineering spatial-temporal organization of bacterial suspensions —
¢]GOR ARONSON

Collective behaviour and pattern formation in phoretic active matter
— oRAMIN GOLESTANIAN

Control and selection of spatio-temporal patterns in complex systems
— oSVETLANA GUREVICH

Self-organization of Active Surfaces — eFRANK JULICHER

Front instabilities can reverse desertification — eEHUD MERON
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Invited talks of the joint Symposium Czech Republic as Guest of Honor
See SYCZ for the full program of the symposium.

SYCZ 1.1
SYCZ 1.2
SYCZ 1.3
SYCZ 1.4
SYCZ 1.5

SYCZ 1.6

Thu
Thu
Thu
Thu
Thu

Thu

9:30-10:00
10:00-10:30
10:30-11:00
11:15-11:45
11:45-12:15

12:15-12:45

H4
H4
H4
H4
H4

H4

Crystal symmetries and transport phenomena in antiferromagnets —
o¢TOMAS JUNGWIRTH

Terahertz subcycle charge and spin control — eRUPERT HUBER

1D molecular system on surfaces — ePAVEL JELINEK
Tunneling microscopy on insulators provides
equilibrium charge states — eJASCHA REPP
Occam’s razor and complex networks from brain to climate — ¢JAROSLAV
HLINKA

Long range temporal correlations in complex systems — eHOLGER KANTZ

access to out-of-

Invited talks of the joint Symposium Physics of Self-Organization in DNA Nanostructures
See SYDN for the full program of the symposium.

SYDN 1.1

SYDN 1.2
SYDN 1.3

SYDN 1.4
SYDN 1.5

Sessions

CPP 1.1-1.7

CPP 2.1-2.1
CPP 3.1-3.1
CPP 4.1-4.1
CPP 5.1-5.9
CPP 6.1-6.1
CPP 7.1-7.9

CPP 8.1-8.8
CPP 9.1-9.7

Thu

Thu
Thu

Thu
Thu

1
2
0

1

CPP 10.1-10.9
CPP 11.1-114

CPP 12.1-12.10

CPP 13.1-13.5
CPP 14.1-14.8

CPP 15.1-15.7

CPP 16.1-16.5
CPP 17.1-17.44
CPP 18.1-18.4

CPP 19.1-19.11
CPP 20.1-20.12

CPP 21.1-21.13

Functional DNA Nanostructures and Their Applications — eITAMAR
WILLNER

Gaining control of DNA-based nanodevices — eFRANCESCO RICCI
Self-assembly and optical properties of single molecule polymers on
DNA origami — eKURT GOTHELF

DNA origami route to dynamic plasmonics — eLAURA LIU

DNA templated metal nanostructures — eRALF SEIDEL

9:30-10:00 H1
10:00-10:30 H1
10:30-11:00 H1
11:15-11:45 H1
11:45-12:15 H1
Mon 9:30-12:30
Mon 9:30-12:45
Mon 9:30-13:00
Mon 9:30-12:15
Mon 9:30-12:30
Mon 9:30-12:45
Mon 10:30-13:00
Mon 15:00-17:15
Mon 15:00-17:15
Mon 15:00-17:30
Mon 15:00-16:00
Mon 15:00-17:30
Mon 15:00-16:15
Mon 15:00-17:15
Mon 15:45-18:30
Mon 16:15-17:30
Mon 17:30-19:30
Tue 9:30-10:30
Tue 9:30-12:30
Tue 9:30-13:00
Tue 9:30-13:00

H14 Focus: Morphology of Complex Polymer Mesophases: From
Experiment to Modelling - organized by Kostas Daoulas and
Volker Abetz

H18 Hybrid and Perovskite Photovoltaics 1

H13 Mbolecular Electronics and Excited State Properties

HS8 Responsive and Adaptive Systems (joint session CPP /DY)

H10 Membranes and vesicles I (joint session BP/CPP)

H20 Active Matter A (joint session DY /CPP)

H9 Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge I (joint session O/TT/CPP/DS)

H14 Interfaces and Thin Films (joint session CPP /DY)

H18 Organic Electronics and Photovoltaics I - Charge Transport
and Electronic Devices

H13 Crystallization, Nucleation and Self-assembly I

HS8 Emerging Topics in Chemical and Polymer Physics, New
Instruments and Methods

H9 Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge II (joint session O/TT/DS/CPP)

H10 Membranes and Vesicles II (joint session BP/CPP)

H31 Organic photovoltaics and electronics (joint session
HL/CPP)

H46 Symposium SYCO of the divisions MM (leading), O, CPP,
KFM and DS continued as topical session: Mechanically
controlled electrical conductivity of oxides (joint session
MM/CPP/0)

HS8 Glasses and Glass Transition (joint session CPP /DY)

Poster Bl  Poster Session I

H14 Crystallization, Nucleation and Self-Assembly II (joint ses-
sion CPP/BP)

H18 Hybrid and Perovskite Photovoltaics II

H13 Wetting, Fluidics and Liquids at Interfaces and Surfaces
(joint session CPP /DY)

H36 Two-dimensional Materials I (joint session HL/CPP)
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CPP 22.1-22.9
CPP 23.1-23.9

CPP 24.1-24.5
CPP 25.1-25.58
CPP 26.1-26.7
CPP 27.1-27.10
CPP 28.1-28.10
CPP 29.1-29.7
CPP 30.1-30.11
CPP 31.1-31.6
CPP 32.1-32.13
CPP 33.1-33.12
CPP 34.1-34.13
CPP 35.1-35.11
CPP 36.1-36.9
CPP 37.1-37.55
CPP 38.1-38.5
CPP 39.1-39.11
CPP 40.1-40.8
CPP 41.1-41.2
CPP 42.1-42.11
CPP 43.1-43.11
CPP 44.1-44.13
CPP 45.1-45.9
CPP 46.1-46.9
CPP 47.1-47.15
CPP 48.1-48.9

CPP 49.1-49.4
CPP 50.1-50.13

CPP 51.1-51.8

CPP 52.1-52.12
CPP 53.1-53.13

CPP 54.1-54.10
CPP 55.1-55.3

CPP 56.1-56.8

CPP 57.1-57.12

CPP 58.1-58.12

CPP 59.1-59.8
CPP 60.1-60.7

Tue
Tue

Tue

Tue

Tue

Tue

Tue

Tue

Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed
Wed

Wed
Thu

Thu

Thu
Thu

Thu
Thu

Thu

Thu

Thu

Thu
Thu

10:30-12:45
10:30-13:00

10:45-13:00
14:00-16:00
14:00-15:45
14:00-16:30
14:00-16:45
14:00-15:45

9:30-12:45

9:30-11:00

9:30-13:00

9:30-13:00

9:30-13:00
10:30-13:15
10:30-13:15
11:00-13:00
11:30-12:45
15:00-18:45
15:00-17:00
15:00-15:30
15:00-17:45
15:00-17:45
15:00-18:45
15:00-17:30
15:30-18:00
15:00-19:15
15:45-18:30

17:15-18:30
9:30-13:00

9:30-12:00

9:30-12:45
9:30-13:00

10:00-12:45
12:15-13:00

15:00-18:00

15:00-18:15

15:00-18:30

15:00-17:30
15:00-17:00

HS8
H9

H14
Poster Bl
H3
HS8
H9
H36
H14
H18
H13
H4
H36
HS
H9
Poster B1
H18
H14
H18
H13
HS8
H9
H20
H36
H19
H3
H13

H18
H18

H13

H10
H36

H19
H13

H14

H18

H13

H8
H10

Plasmonics I (joint session O/CPP)

Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge III (joint session O/CPP/DS/TT)
Focus: Mechanoresponsive Molecules and Materials - orga-
nized by Kerstin Blank and Robert Gostl

Poster Session II

Active Matter B (joint session DY /CPP)

Plasmonics II (joint session O/CPP)

Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge IV (joint session O/CPP/DS/TT)
Two-dimensional Materials II: graphene (joint session
HL/CPP)

Complex Fluids and Colloids, Micelles and Vesicles (joint
session CPP /DY)

Organic Electronics and Photovoltaics IT - Non-Fullerene
Organic Solar Cells

Charged Soft Matter, Polyelectrolytes and Ionic Liquids I
Active Matter I (joint session BP/CPP /DY)
Two-dimensional Materials III (joint session HL/CPP)
Plasmonics IIT (joint session O/CPP)

Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge V (joint session O/CPP/DS/TT)

Poster Session III

Polymer Networks and Elastomers

Focus: Controlling Phase Formation Dynamics in Solution
Processed Semiconductors - organized by Christoph Brabec,
Jens Harting and Hans-Joachim Egelhaaf

Modeling and Simulation of Soft Matter I (joint session
CPP/DY)

Charged Soft Matter, Polyelectrolytes and Ionic Liquids 11
Plasmonics IV (joint session O/CPP)

Frontiers of Electronic-Structure Theory: Focus on the In-
terface Challenge VI (joint session O/DS/CPP/TT)
Condensed-matter simulations augmented by advanced sta-
tistical methodologies (joint session DY /CPP)
Photovoltaics (joint session HL/CPP)

Microswimmers (joint session DY /CPP)

Complex Fluids and Soft Matter (joint session DY /CPP)
Biopolymers, Biomaterials and Bioinspired Functional Ma-
terials (joint session CPP/BP)

Hydrogel und Microgel

Organic Electronics and Photovoltaics III - Organic Photo-
voltaics

Modeling and Simulation of Soft Matter II (joint session
CPP/DY)

Biomaterials and biopolymers I (joint session BP/CPP)
Perovskite and Hybrid Photovolatics I (joint session
HL/CPP)

Active Matter II (joint session DY /CPP)

Physics of Self-Organization in DNA Nanostructures (joint
session CPP/BP)

Focus: Computational Methods for the Energy Transition:
Paving the Road to Future Materials and Storage Systems
- organized by Stephan Kramer and Jochen Zausch
Organic Electronics and Photovoltaics IV - Excitonic Prop-
erties and Light-Emitting Devices

Nanostructures, Nanostructuring and Nanosized Soft Mat-
ter

Composites and Functional Polymer Hybrids

Biomaterials and biopolymers II (joint session BP/CPP)



Regensburg 2019 — CPP

Overview

CPP 61.1-61.9

CPP 62.1-62.3
CPP 63

CPP 64.1-64.10
CPP 65.1-65.13
CPP 66.1-66.7

CPP 67.1-67.9
CPP 68.1-68.8
CPP 69.1-69.7
CPP 70.1-70.1

Thu

Thu
Thu

Fri
Fri
Fri

Fri
Fri
Fri
Fri

15:00-17:30

17:45-18:30
18:45-19:45

9:30-12:00
9:30-13:00
9:45-12:00

9:45-12:15
10:00-12:15
10:00-11:45
12:30-13:15

H36

HS8
H13

H11
H36
H18

H13
He6
H19
H1

Perovskite and Hybrid Photovolatics II (joint session
HL/CPP)

Electrical, Dielectrical and Optical Properties of Thin Films
Annual General Meeting of the CPP Division (CPP Mit-
gliederversammlung)

Active Matter III (joint session BP/CPP /DY)
Two-dimensional Materials IV (joint session HL/CPP)
Organic Electronics and Photovoltaics V - Semiconducting
Properties and Devices

Polymer and Molecular Dynamics, Friction and Rheology
Microfluidics (joint session DY /CPP)

Glasses and Glass transition (joint session DY /CPP)
Closing talk (joint session BP/CPP /DY)

Annual General Meeting of the Chemical and Polymer Physics Division

Thursday 18:45-19:45 HI13

e Report of the current speaker team

e Election of the second deputy speaker

e Award of the poster prizes of the CPP Division

e Miscellaneous
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CPP 1: Focus: Morphology of Complex Polymer Mesophases: From Experiment to Modelling -
organized by Kostas Daoulas and Volker Abetz

Time: Monday 9:30-12:30

Invited Talk CPP 1.1 Mon 9:30 H14
Building Complex Colloids with Block Copolymers and
Topology — ¢ ANDRE GROESCHEL — Physical Chemistry and Center
for Nanointegration Duisburg-Essen (CENIDE), University of Duis-
burg Essen, 47057 Duisburg, Germany

Colloids are omnipresent in nature as well as our everyday lives, e.g.
in paint, milk, as quantum dots or colloidal gold. For technological
applications colloids are typically synthesized using equipment or wet
chemical processes giving access to particles of well-controlled sizes.
In nature however, biological colloids are often self-assembled from
smaller building blocks. Virus particles are composed of a defined num-
ber of proteins, giving viruses a complex composition, surface chem-
istry, and in some cases, also shape-anisotropy on length scales as small
as 20 nm. Inspired by the natural structuring abilities, self-assembly
concepts are now researched that allow the synthesis of colloids with
comparable level of detail and control.

This presentation summarizes our efforts to create complex colloids
using concepts of self-assembly, block copolymers and topology. Block
copolymers are comparably primitive but versatile building blocks that
are able to assemble into microparticles with unusual shapes, meso-
scopic inner structure, and functional 2D /3D surfaces. To better un-
derstand the relationship between topology an mesostructure, we an-
alyze the particles with electron tomography and resolve the delicate
3D arrangement of polymer domains through reconstructions.

Invited Talk CPP 1.2 Mon 10:00 H14
Gradient dynamics models for films of complex fluids and be-
yond - Dewetting, line deposition and crystallisation — eUwE
THIELE — Institut fiir Theoretische Physik and Center for Nonlinear
Science, Universitat Miinster.

First, we review situations where the dynamics of phase transitions cre-
ates structures, e.g., dewetting polymer mixtures, Langmuir-Blodgett
(LB) transfer of surfactants or colloidal crystallisation. After present-
ing typical hydrodynamic thin-film models we rewrite them as gradient
dynamics on some energy functional that accounts for wettability and
capillarity. This allows for many consistent extensions, e.g., towards
solute-dependent wettability. As example we show that a film of a
mixture may become unstable through coupled film height and con-
centration fluctuations. Next, we consider gradient dynamics models
for films covered by surfactants. Such models may be employed to de-
scribe the formation of line patterns during LB transfer of a surfactant
layer from a bath onto a moving plate. After showing simulations with
the full model, we sketch how line deposition is reflected in an intricate
bifurcation structure that one can analyse within a Cahn-Hilliard-type
model. Finally, we consider colloidal crystallisation employing gra-
dient dynamics models, namely, dynamical density functional theory
(DDFT) and its local approximation, the phase field crystal (PFC)
model. We analyse crystallisation fronts and show that their speeds
may be obtained via a marginal stability criterion and relate it to cre-
ated disorder and subsequent aging. Finally, we discuss the relation of
localised states and an amorphous solid phase.

CPP 1.3 Mon 10:30 H14
Optimum Disorder of Polymer Mesoparticle Aggregates

for Efficient Thermal Insulation — Fapian Nurz!, ALEXAN-
prRA PHiLipP!, BERND KoPERA!, MARTIN DULLE2, and eMARKUS
ReTscu! — !Physical Chemistry I, University of Bayreuth,

95447 Bayreuth, Germany — 2JCNS-1/ICS-1: Neutron Scattering
Forschungszentrum, Juelich, Germany

Heat transport plays a critical role in modern batteries, electrodes,
and capacitors. This is caused by the ongoing miniaturization of such
nano-technological devices, which increases the local power density
and hence temperature. Even worse, the introduction of heterostruc-
tures and interfaces is often accompanied by a reduction in thermal
conductivity, which can ultimately lead to the failure of the entire de-
vice. Surprisingly, a fundamental understanding of the governing heat
transport processes even in simple systems is still missing. This contri-
bution closes this gap and elucidates how strongly the morphology of
a model particulate system influences the effective thermal conductiv-
ity across such a complex mesostructure. In a combined experimental
and modeling approach, well-defined mixtures of monodisperse parti-

Location: H14

cles with varying size ratios were investigated. The transition from
order to disorder can reduce the effective thermal conductivity by as
much as “50%. This is caused by an increase in the thermal transport
path length and is governed by the number of inter-particle contact
points.

Invited Talk CPP 1.4 Mon 10:45 H14
Controlling structure, orientation and nanomorphology in
semi-conducting and conducting polymer films — eMARTIN
BRINKMANN, LAURE BINIEK, VISHNU VIJAYAKUMAR, and VIKTORIIA
UnTiLova — Université de Strasbourg, Institut Charles Sadron,
CNRS, Strasbourg, France

Conducting and semi-conducting polymers are omnipresent in plas-
tic electronics nowadays. Although structure-property correlations are
central for device optimization, there is still insufficient understand-
ing of the mechanisms and principles that govern thin film growth
and chain packing, especially for the recent low band gap polymers
of increasing molecular complexity e.g. p(NDIT20D), PTB7, PCE11
and PCPDTBT. Crystallization/orientation of polymer semiconduc-
tors using epitaxy or high temperature rubbing is an elegant manner
to tune their structure and organization that can further be investi-
gated by transmission electron microscopy at different length scales.
This contribution summarizes recent efforts of our group in this context
and shows how the progress in mastering crystallization/orientation of
semi-conducting polymers can be transposed to their conducting coun-
terparts after soft doping. We demonstrate the possibility to fabricate
highly oriented conducting polymer films whose charge conductivity
and thermopower can reach beyond that of iodine-doped polyacety-
lene.

15 min. break

Invited Talk CPP 1.5 Mon 11:30 H14
Conjugated polymers: linking mesoscopic morphology and
charge transport — eDENIS ANDRIENKO — Max Planck Institute
for Polymer Research, Ackermannweg 10, 55128 Mainz, Germany

We first discuss the complex relation between processing, poly-
morphism, and structure formation in several conjugated polymers:
P3HT,! PCPDTBT,2 and PBTTT.? Their mesoscopic morphology,
as elucidated by combining various experimental and atomistic simu-
lation techniques, is used to explain particular features of charge carrier
mobility. We then assess various strategies for in silico prediction of
morphologies and electronic properties of conjugated polymers, start-
ing solely from the chemical structure.*:> Though it is too optimistic
to say that we are approaching a true bottom-up multiscale modeling
of conjugated polymers, the benefits from using computer simulations
to complement experimental results are obvious.

L C. Poelking, D. Andrienko, Macromolecules, 46, 8941, 2013.

2 F. Fischer, G. Schulz, D. Trefz, A. Melnyk, M. Brinkmann, D. An-
drienko, S. Ludwigs, Macromolecules, 50, 1402, 2017.

3 A. Melnyk, M. Junk, M. McGehee, B. Chmelka, M. R. Hansen, D.
Andrienko, J. Phys. Chem. Lett., 8, 4155, 2017.

4 C. Scherer, D. Andrienko, Eur. Phys. J. Spec. Top., 225, 1441,
2016.

5 P. Gemuenden, C. Poelking, K. Kremer, K. Daoulas, D. Andrienko,
Macromol. Rapid Commun., 36, 1047, 2015.

6 Sh. Ye, L. Janasz, W. Zajaczkowski, J. G. Manion, A. Mondal,
T. Marszalek, D. Andrienko, K. Muellen, W. Pisula, D. S. Seferos,
Macromol. Rapid Commun., 1800596, 2018

CPP 1.6 Mon 12:00 H14
Engineering scale simulation of non-equilibrium network
phases for battery electrolytes — eLLubpwic SCHNEIDER and MAR-
cus MUELLER — Georg-August Universitat Gottingen, Institute for
Theoretical Physics, Gottingen, Germany

Diblock copolymer materials exhibit a rich equilibrium phase diagram,
qualifying them for applications in fuel cells, filters, and battery mate-
rials. Self-assembly of these materials rarely results in the equilibrium
structures. Instead, configurations are trapped in long-lived meta-
stable states and can be stabilized via cross-linking or cooling below
the glass transition temperature of one component. The properties of
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these structures, such as ion-conductivity, can deviate from those of
corresponding equilibrium phases.

SOMA, our massively-parallel implementation of the Single-Chain-
in-Mean-Field (SCMF) algorithm, enables us to study systems with
billions of particles and predict their structure formation, thus un-
raveling the transport properties of self-assembled diblock-copolymers
as a function of volume fraction, f. Our investigations show that
non-equilibrium morphologies exhibit a large scale fractal-like domain
structure that influences the transport properties. The length scale of
these structures highlight the necessity of large system sizes to obtain
bulk properties. We quantify the transport via the tortuosity and the
diffusion inside the network phase and show that equilibrium phases
overestimate the transport capabilities of random networks.

CPP 1.7 Mon 12:15 H14
Multiscale modelling of multidimensional molecular archi-
tectures for efficient organic solar cells — MARVIN NYENHUIS,
eMAarcus BockMAaNN, and Nikos Dorrsinis — Institut fiir Festkor-
pertheorie, Westfalische Wilhems-Universitat, Miinster, Germany

The active layer of bulk hetero-junction (BHJ) organic solar cells

(OSCs) constitutes a complex mixture of polymeric donor (D) and
acceptor (A) compounds [1] and its morphology is known to change
upon ad hoc thermal annealing, thereby increasing the overall photo-
conversion efficiency (PCE). While experimental techniques like STM
or AFM yield but detailed information of the surface structure, we
use multidimensional Molecular Dynamics simulations [2] to elucidate
the interior constitution of the layer at the atomistic level. In this
contribution, we present insight obtained recently for the interpreta-
tion of morphology related UV-vis spectra and domain formation [3,4]
together with current results on a novel polymeric D/A mixture [5].

[1] A. J. Heeger, Adv. Mater. 2014, 26, 10. [2] M. Bdckmann,
D. Marx, C. Peter, L. Delle Site, K. Kremer, and N. Doltsinis, Phys.
Chem. Chem. Phys. 2011, 10, 1039. [3] M. Béckmann, T. Schemme,
D. de Jong, C. Denz, A. Heuer, and N. Doltsinis, Phys. Chem. Chem.
Phys. 2015, 17, 28616. [4] T. Winands, M. Béckmann, T. Schemme,
P. Ly, D. de Jong, Z. Wang, C. Denz, A. Heuer, and N. Doltsinis, Phys.
Chem. Chem. Phys. 2016, 18, 6217. [5] D. Meng, H. Fu, C. Xiao, X.
Meng, T. Winands, W. Ma, W. Wei, B. Fan, L. Huo, N. Doltsinis, Y.
Li, Y. Sun, and Z. Wang, J. Am. Chem. Soc. 2016, 138, 10184.

CPP 2: Hybrid and Perovskite Photovoltaics |

Time: Monday 9:30-12:45

Invited Talk CPP 2.1 Mon 9:30 H18
The perovskite/transport layer interfaces dominate non-
radiative recombination in efficient perovskite solar cells —
eMARTIN STOLTERFOHT!, PIETRO CAPRIOGLIO!, CHRISTIAN WOLFF!,
Jose MaRrRQUEz2, THoMmAs KIRcHARTZ?, THoMAs UNoLp?, and Di-
ETER NEHER! — !University of Potsdam — 2Helmholtz-Zentrum-

Berlin — 3Forschungszentrum Jiilich

Charge transport layers (CTLs) are key components of diffusion con-
trolled perovskite solar cells, however they can induce additional non-
radiative recombination pathways. By measuring the quasi-Fermi level
splitting (QFLS) of perovskite/CTL heterojunctions, we quantify the
interfacial recombination current for a wide range of commonly used
CTLs, including various hole-transporting polymers, spiro-OMeTAD,
metal oxides and fullerenes. We find that all studied CTLs limit the
open-circuit voltage (Voc) by inducing a recombination current that is
significantly larger than the loss in the neat perovskite and that the
least-selective interface sets the upper limit for the device Voc. The
results also show that the Voc equals the internal QFLS in the ab-
sorber layer of pin and nip-type cells with selective CTLs and power
conversion efficiencies of up to 21.4% (in pin). However, in case of less
selective CTLs, the Voc is substantially lower than the QFLS which
indicates additional losses at the contacts and/or interfaces. The find-
ings are corroborated by rigorous device simulations which outline sev-
eral important considerations to maximize the Voc. This work shows
that the real challenge to approach the radiative Voc limit lies in the
suppression of carrier recombination at the perovskite/CTL interfaces.

CPP 2.2 Mon 10:00 HI18
The interplay of interfacial charges, contact layers and hys-
teresis in perovskite solar cells — ILka M HerMmes!, Y1 Hou?,
CHRrISTOPH BRABEC?, and eSTEFAN A.L. WEBER!® — IMPI for
Polymer Research Mainz, Germany — 2Institute of Materials for
Electronics and Energy Technology, Friedrich-Alexander University
Erlangen-Niirnberg, Germany — 3Institute of Physics, Johannes
Gutenberg University Mainz, Germany

The charge selective contact layers in perovskite solar cells affect device
properties such as current density-voltage hysteresis. Using fullerene-
based electron transport layers (ETLs), hysteresis could be suppressed
by a reduction of the mobile ion concentration. However, the effect the
ETL on the electronic properties of other constituent device layers re-
mains unclear. Using Kelvin probe force microscopy, we compared po-
tential distributions of methylammonium lead iodide-based solar cells
with different ETLs, such as planar titania and a C60-derivative, with
vastly different hysteretic behavior. We found the most significant po-
tential differences at the interface to the organic hole transport layer
spiroMeOTAD. Our results show that the choice of ETL not only in-
fluences the extraction and recombination at the perovskite/ETL in-
terface but also changes the transport properties of the spiroMeOTAD
layer. We propose that the higher density of mobile ions in the ti-

Location: H18

tania cell caused a reaction between iodide anions with the p-doped
spiroMeOTAD to form a neutral interface layer, which increased the
interfacial resistance and capacitance at the spiroMeOTAD interface.

CPP 2.3 Mon 10:15 HI18
Investigation of Charge Transport Properties of cross-
linkable Hole Transport Materials in Perovskite Solar Cell
Devices — eSiMoN EwrrTowski!', LorENA PERDIGON Toro?, Di-
ETER NEHER?, and Kraus MEeErHOLZ! — !University of Cologne,
Institute of Physical Chemistry, Cologne, Germany — 2University of
Potsdam, Institute of Physics, Potsdam, Germany

Organic-inorganic hybrid perovskite materials are known to show im-
pressive properties in charge generation and charge transport. These
properties make them useful in optoelectronic thin film devices, such
as light emitting diodes or solar cells. Therefore, perovskite solar
cells (PSCs) attracted much attention in the last decade due to their
rapid evolution in power conversion efficiencies (PCE), today exceed-
ing 20%.[1] In the inverted p-i-n structured PSCs usually PEDOT:PSS,
PTAA and poly TPD are used as efficient hole transport materials
(HTMs).[2],[3]

In this study, several oxetane-functionalized cross-linkable x-HTMs
such as QUPDJ[4] are implemented in lead based PSCs. Impedance
measurements reveal information about the charge transport across
the interfaces between the x-HTMs and the perovskite. These results
are taken into account, when analyzing the respective current-voltage
characteristics of the built solar cells.

[1] Brenner, T. M. et al., Nat. Rev. Mater. 2016, 1, 15007 2] Zhao
D. et al., Adv. Energy Mater. 2014, 1401855 [3] Wolff C. M. et al.,
Adv. Mater. 2017, 29, 1700159 [4] Jhuo H.-J., et al., J. Mater. Chem.
A, 2015, 3, 9291

CPP 24 Mon 10:30 H18
Probing Charge Carrier Dynamics in Perovskite Solar Cells
— oCHRISTIAN WOLFF!, SEAN BoURELLE?, SAscHA FELDMANN?, FE-
Lix DEscHLER?, and DiETER NEHER! — !Institut fiir Physik und As-
tronomie, Universitdt Potsdam, Karl-Liebknecht-Str. 24-25, Potsdam,
Germany — 2Cavendish Laboratory, Department of Physics, Univer-
sity of Cambridge, JJ Thomson Ave., Cambridge, UK

Photogenerated charge carriers in solar cells have different pathways
of recombining. The ideal pathway is external recombination while
delivering power to a consumer. In parallel charge carriers may re-
combine radiatively or nonradiatively in the bulk of the absorber, at
surface states, within other functional layers, or across internal inter-
faces. One major challenge in solar cell research is to identify the
pathway, order and rate of these processes. In this contribution we
probe the fate of charge carriers in fully functioning devices. We
employ time-resolved and steady state absorption, luminescence and
charge extraction experiments and provide a consistent picture of the
dominating recombination processes at relevant carrier densities. We
are able to show that the recombination under 1 sun illumination is



Regensburg 2019 — CPP

Monday

dominated by a first order process that we attribute to interfacial re-
combination, while at higher intensities a radiative second order is
prevailing. The results suggest that unlike other previous reports the
recombination process in full devices follows the simple rate equation
dn/dt = —kin+kon? +kan3, with ky ~ 107s7 1, kg ~ 10~ 11em—3s~1
and k3 ~ 10733e¢m=%s~! and that there is no need to include mixed-
order processes.

CPP 2.5 Mon 10:45 HI18
Universal self-assembled monolayers as hole contacts for
high-performance p-i-n Perovskite solar cells — eAMRAN
AvrL-AsHourt!, ArrioM MacoMEDOVZ, MARCEL Ross!, Josg M.
Priero!, Eike KouNeEN!, Marko JoST!, TADAS MALINAUSKASZ,
TrOMAS UNoLD!, VyTauTAs GETAUTISZ, and STEVE ALBRECHT! —

1HZB, Berlin, Germany — ?KTU, Kaunas, Lithuania

We recently presented a novel concept for hole-selective contacts in
perovskite solar cells (PSCs) by utilizing a molecule that forms a
self-assembled monolayer (SAM) on the transparent conductive ox-
ide via covalent bonds [1]. Here we present results from a new class
of hole-selective SAMs that enable p-i-n PSCs with open-circuit volt-
ages (Voc’s) of up to 1.19V, fill factors of over 80 % and thus power
conversion efficiencies of up to 21 % for three different perovskite com-
positions. Hyperspectral, absolute and transient photoluminescence
spectroscopy reveal that the reduction of non-radiative recombination
losses at the hole contact interface, accompanied by high charge carrier
lifetimes, is partially the origin of the relatively high Voc. Interestingly,
implementing the SAMs also reduces non-radiative recombination at
the electron-selective contact (C60). We further analyze the SAMs
by IR and X-ray spectroscopy to assess the surface modification and
energetic alignments. Our work demonstrates cell performances that
rival best published p-i-n PSCs, without any interlayers, doping or per-
ovskite post-treatments and might therefore serve as a suitable strategy
for further performance improvements.

[1] Magomedov et al. Adv. Energy Mater. 2018, 8, 1801892

CPP 2.6 Mon 11:00 H18
Interfacial Characteristics and Charge Carrier Dynam-
ics in Formamidinium Tin JIodide and Phenylethylam-
monium/Formamidinium Tin Iodide — eJonas Horn?,
Mirko Scaorz?, KawoN Oum2, THomas LENzER?, and DERCK
ScHLETTWEIN! — 1Justus-Liebig-Universitat GieRen, Institut fiir

Angewandte Physik — 2Universitit Siegen, Physikalische Chemie

Electrical and optical measurements were performed at formamidinium
tin iodide (FASnI3) and its phenylethylammonium (PEA) deriva-
tive PEAg.08F' Ap.925nI3, representing attractive alternatives to lead-
based perovskites. Charge transport across metal-perovskite interfaces
and through the perovskite films were studied on microstructured gold
electrode arrays. Hysteresis in the current-voltage characteristics and a
corresponding current-time behavior indicated limitation by interfacial
charge transfer. Smaller persistent changes following prolonged polar-
ization was measured in PEAg gsF Ag.92Snl3 compared to FASnIs
which is explained by a 2-dimensional interlayer at the contacts leading
to decreased field-induced migration of ions. The rate constants for the
Auger- and bimolecular recombination processes were obtained from
femtosecond transient absorption experiments. A time constant of 0.5
ps was found for the scattering of charge carriers by optical phonons,
even faster than measured in lead-based perovskites. Carrier recom-
bination in the bulk material was not substantially influenced by the
substitution of FA by PEA. Changes in the electrical characteristics
of PEAo.08FAp.925nl3 compared to FFASnlI3 are, therefore, assigned
to different contact rather than bulk characteristics.

15 min. break

CPP 2.7 Mon 11:30 HI18
Quantitative Analysis of the Transient Photoluminescence of
Lead Halide Perovskite with Contact Layers — eBENEDIKT
KroaMEIER!, Lisa KRUCKEMEIER!, and THomas Kircuarrz!:2
— EK5-Photovoltaik, Forschungszentrum Jiilich, 52425 Jiilich,
Germany — 2Faculty of Engineering and CENIDE, University of
Duisburg-Essen, Carl-Benz-Str. 199, 47057 Duisburg, Germany

Transient photoluminescence (PL) is a powerful measurement tech-
nique to study charge carrier dynamics in perovskite layers. A single
layer of lead halide perovskite measured with this technique usually
shows a high charge carrier lifetime. However, adding additional con-
tact layers may substantially accelerate the PL decay and therefore

decrease the measured lifetime. The higher decay occurs due to the
extraction of charge carriers into the contact layer or due to charge
carrier recombination at the interface. As the measurements are done
on uncontacted samples (i.e. in open circuit), charge carriers may ac-
cumulate on the contacts after extraction and thereby repel additional
charges at longer times and higher laser fluences. The superposition
of extraction, accumulation and recombination makes the use of nu-
merical simulations necessary. We use these simulations to describe
experimental results on various structures featuring, zero, one or two
contact layers. In addition, we study the effect of low conductivity
interface layers (such as PTAA or PCBM) and the effect of high con-
ductivity layers such as indium tin oxide or silver on lateral diffusion
and thereby the decay kinetics.

CPP 2.8 Mon 11:45 HI18
Charge carrier recombination dynamics and carrier-phonon
interactions in bismuth halide semiconductors — eLissA EYRE,
RoBeErT HovE, Tupor TuoMAs, HanNAH JovcE, and FELIX DE-
scHLER — University of Cambridge, JJ Thomson Ave, Cambridge,
CB3 OHE, United Kingdom

A promising class of lead-free perovskites for photovoltaic applica-
tions include the bismuth halides, such as MA3Bi2I9, BiOI, and
Cs2AgBiBr6. Although these materials have been predicted to ex-
hibit defect tolerance, as seen in lead-halide perovskites, and already
display improved stabilities and long charge carrier lifetimes, the power
conversion efficiencies of the corresponding devices have not reached
the level of lead-based perovskites. Potential reasons for this are ex-
plored, for example, the disconnected nature of the bismuth halide
octahedra in the crystal structure, which limits carrier mobility, and
the lower levels of absorption due to indirect bandgaps. We probe the
behaviour of excited states in many bismuth-halide compounds with
various effective dimensionalities using ultrafast transient absorption,
Raman, and teraherz spectroscopy. Overall, this work indicates that
bismuth-based materials have the potential to be used in efficient opto-
electronic devices, but there is a need to account for the effects of strong
carrier-phonon coupling and localisation of electronic states on carrier
scattering rates. We therefore present charge carrier-lattice interaction
strength as an important design criterion for efficient next-generation
solar cells.

CPP 2.9 Mon 12:00 HI18
Origin of Efficient Photoluminescence in Alloyed Perovskites:
Photodoping from Localized Charge Accumulation Regions

— oSAscHA FELDMANN!, STUART MacPuERSON!, JasMINE RIvETT!,

MoJstaBa ABDI-JALEBI', GuanciuN NaN?, GREGORY TAINTER!,
RicuARD FRrIEND!, HENNING SIRRINGHAUS!, MICHAEL SALIBA3,
Davip BELjoNNE?, SAMUEL STraNks!, and FeELix DEscHLER! —
ICavendish Laboratory, University of Cambridge, Cambridge, UK —
2Department of Physics, Zhejiang Normal University, Jinhua 321004,
China — 3Adolphe Merkle Institute, University of Fribourg, CH-1700
Fribourg, Switzerland — 4Chimie des Matériaux Nouveaux, Université

de Mons, B-7000 Mons, Belgium

Metal-halide perovskites have emerged as exceptional semiconductors
for optoelectronic applications. Here, we reveal the origin of the im-
proved optoelectronic performance arising from compositional engi-
neering by tracking charge carrier dynamics in alloyed perovskites
with time-resolved spectroscopy. In contrast to single-halide per-
ovskites, we find that luminescence yields show weak dependence on
carrier density and remain high even for photo-excited carrier densi-
ties far below solar illumination conditions. We show that the car-
rier recombination regime changes from second to first order within
the first tens of nanoseconds after excitation. Supported by evidence
of microscale variations in optical bandgap, electrically-gated trans-
port measurements and first-principles calculations, we propose that
spatially-varying energetic disorder in the electronic states leads to lo-
cal accumulation of one charge carrier type, creating photodoped p-
and n-type regions.

CPP 2.10 Mon 12:15 H18
Charge Carrier Transport in Organo-Metal Halide Per-
ovskites Probed by Transient Microwave Conductivity —
e ANDREAS Baumann®, MaNUEL UrLricu?, NaTHANIA HENNINGZ,
PATRICK DORFLINGERZ, VLADIMIR DyakoNov2, and ANDREAS
SperLICH? — !Bavarian Center for Applied Energy Research (ZAE
Bayern), 97074 Wiirzburg — 2Experimental Physics VI, Julius Maxi-

milian University of Wiirzburg, 97074 Wiirzburg

The charge carrier mobility is one of the important intrinsic parameters
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for the performance of solar cell devices as it together with the charge
carrier lifetime defines the diffusion length of the charge carriers and
hence sets a limit to the device active layer thickness. For lead halide
perovskite (HaP) solar cells, long charge carrier diffusion lengths up to
micrometer scale have been reported which is primarily due to the long
charge carrier lifetime. However, the charge carrier mobility is found
to be smaller compared to the theoretically predicted values. In or-
der to investigate the fundamental charge carrier transport properties
in HaP materials we used the contact-less technique of transient mi-
crowave conductivity (TRMC). We analysed different HaPs including
methylammonium lead iodide (MAPDbI3), lead bromide (MAPDbBr3)
and mixed cation and halide perovskite by TRMC at room tempera-
ture and find the highest charge carrier mobility for MAPbI3. Finally,
TRMC mobilities in MAPDbI3 tested in a wide temperature range show
a clear negative temperature coefficient in the tetragonal phase as well
as a mobility drop at the phase transition.

CPP 2.11 Mon 12:30 HI18

Anisotropic charge carrier diffusion in methylammonium
lead iodide — ILka M. HerMmEs!, Markus MEgzcerb2, Davip
S. GINGER?, RUDIGER BERGER!, KaLoiaNn KovNov!, and eSTEFAN
A.L. WeBer!2 — IMPI for Polymer Research, Mainz, Germany —
2Institute of Physics, JGU Mainz, Germany — 3University of Wahs-
ington, Seattle, USA

In this combined piezoresponse force microscopy (PFM) and local time-
resolved photoluminescence (PL) study, we correlate the charge car-
rier dynamics on large (>10um) isolated methylammonium lead iodide
grains to the arrangement of ferroelastic twin domains[1]. Using PL-
microscopy, we measured the carrier diffusion parallel and perpendic-
ular to the twin domain stripes. The diffusion parallel to the domains
was significantly faster than perpendicular to the domains, resulting in
a distinct anisotropy in the carrier dynamics. Our results demonstrate
that controlling the strain during crystal growth could offer a way to
enhance carrier extraction in perovskite solar cells. [1] J. Phys. Chem.
C, 2016, 120, 5724.

CPP 3: Molecular Electronics and Excited State Properties

Time: Monday 9:30-13:00

Invited Talk CPP 3.1 Mon 9:30 H13
Tailoring the Excited State Energy Landscape in Supramolec-
ular Nanostructures — eRicHARD HILDNER — Soft Matter Spec-
troscopy, University of Bayreuth, Bayreuth, Germany — Zernike In-
stitute for Advanced Materials, University of Groningen, Groningen,
Netherlands

Application of organic macromolecules in molecular electronics and
nanophotonics requires their well-defined assembly into nano- and
mesoscale structures to allow for efficient energy and/or charge trans-
port. Here we demonstrate robust self-assembly of so-called carbonyl-
bridged triarylamines (CBT) into micrometre-long objects driven by
specific supramolecular motifs. Depending on the solvent we are
able to prepare isolated supramolecular nanofibres, in which the CBT
molecules are cofacially stacked (H-aggregate), or to prepare well-
defined bundles of such nanofibres. Combining optical spectroscopy
with electron microscopy and numerical modelling, we find that iso-
lated nanofibres possess a high degree of structural order. In turn, this
results in a high degree of electronic order in the electronically excited
states. In contrast, in nanofibre bundles the structural and electronic
order is significantly less pronounced. We show that this difference
in order has substantial impact on the transport of excitation energy:
While isolated nanofibres exhibit long-range energy transport of sev-
eral micrometres, in nanofibre bundles this is not the case. Hence, the
solvent allows to tune the excited state energy landscape of nanofi-
bres, which in turn allows to control the transport characteristics of
excitation energy along nanofibres.

CPP 3.2 Mon 10:00 H13
Controlling H- and J-type electronic coupling in single deter-
ministic conjugated polymer aggregates — eTHERESA EDER!,
CHRIsTOPH ALLOLIO?, DoMmINIK HORINEK?, SiIGURD HOGER3, JAN
VocGeLsanGg!, and Joun M. Lupron! — llnstitut fiir Experi-
mentelle und Angewandte Physik, Universitiat Regensburg, Germany
— Z2Institut fiir Physikalische und Theoretische Chemie, Universitit
Regensburg, Germany — 3Kekulé-Institut fiir organische Chemie und
Biochemie, Universitat Bonn, Germany

The electronic coupling in conjugated polymers, which impacts the
spectroscopic behavior tremendously, can be explained in the theo-
retical framework of H- and J-aggregation between neighboring chro-
mophoric units. We investigate custom-synthesized model polymers
and oligomers and show how the distance between chains impacts the
coupling type [1]. Based on the work on single polymer aggregates, we
intramolecularize aggregation by designing single dimers and trimers
with a fixed spatial distance of the conjugated units. Here, we are
also able to demonstrate, in combination with molecular dynamics and
TDDFT calculations, that strong H-type coupling occurs in ordered
oligomers at close spacings, whereas disorder and increased spacing
quenches coupling [2|. Further, the examination of single-molecule
spectra allows us to show how an increase in the dimer length with
similar chromophore distance gives rise to increased J-type attributes
such as spectral narrowing and reduced vibronic coupling.
[1] T. Eder et al., Nature Commun. 8, 1641 (2017)

Location: H13

[2] C. Allolio et al., J. Phys. Chem. B 122, 6431 (2018)

CPP 3.3 Mon 10:15 HI13
Controlling Exciton Dynamics in Tetracene-Derivatives by
Covalent Bounding of Two Chromophores — eMAXIMILIAN
Frank!, Urrice MoLLER!, LENA Roos?, ANnkE KRUEGER?, and
JeNs PrLaum®3 — Experimental Physics VI, Julius Maximilian Uni-
versity of Wiirzburg, 97074 Wiirzburg — 2Institute of Organic Chem-
istry, Julius Maximilian University of Wiirzburg, 97074 Wirzburg —
3ZAE Bayern, 97074 Wiirzburg

For an efficient operation of optoelectronic devices it is inevitable to
control the photodynamics and, thus, the relevant loss channels like
charge transfer formation or singlet fission (SF). In case of the latter,
the excited singlet state decays into two triplet states of lower energy
located on neighboring chromophores. Tetracene (Tc) is a model sys-
tem to study this process and has motivated us to prove by rational
design, here the covalent linking of two Tc chromophores, the effect of
molecular packing on the optical properties and, in particular, on SF.
By a comparative study on neat Tc and ditetracene (DTc) bulk crystals
as well as anthracene crystals doped by the two entities at the single
molecule level, different excitonic states can be identified together with
the influence of the local environment and temperature. Quantities like
spectral selective fluorescence lifetime, photoluminescence and absorp-
tion spectra as well as quantum efficiency are presented for each of the
sample types studied, showing, as a key result, that SF is suppressed
in DTc crystalline aggregates. Therefore, a model for the excitation
energy landscape of DTc single crystals can be deduced and highlights
the effect of the additional covalent bond on the photodynamics.

CPP 3.4 Mon 10:30 H13
Ultrafast excited state relaxation monitored by single
molecule photon statistics — eJAkoB ScHEDLBAUER!, PHILIPP
WiLHELM!, MARIA-ELIsABETH FEDERL!, FLORIAN HINDERER?, SiG-
URD HOGER?, LENNART GRABENHORST®, PHILLIP TINNEFELD®, JAN
VoGELSANG®, SEBASTIAN Bancge!, and Joun M. Lupron! —
IUniversitdt Regensburg, Germany — 2Universitit Bonn, Germany

— 3LMU Miinchen, Germany

A new experimental approach is presented to monitor ultrafast excited
state deactivation combining single molecule fluorescence spectroscopy
(SMS) with a pump-probe-like excitation scheme. In the simplest way
a single molecule can be described as a two level system and therefore
can emit only one single photon after a given excitation pulse, a phe-
nomenon referred to as photon antibunching. By introducing a second
excitation pulse after a variable time lag the probability for reexciting
the system and generating a second photon is a function of the excited
state lifetime. A Hanbury-Brown-Twiss based detection setup enables
us to measure the probability for the emission of multiple photons after
a given excitation cycle.

This technique overcomes the limitation of conventional fluorescence
based lifetime measurements such as time-correlated single-photon
counting, which is constrained by finite detector instrument response
function. We resolve dynamical single molecule processes like the in-
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tramolecular energy transfer in a acceptor-donor-acceptor system (13
ps) as well as ultrafast enhanced PL of Cy7 dyes coupled to a plasmonic
antenna structure (20 ps).

CPP 3.5 Mon 10:45 HI13
Simultaneous Singlet-Singlet and Triplet-Singlet Forster
Transfer — eANTON KircH, Max GMELCH, and SEBASTIAN
REINEKE — Dresden Integrated Center for Applied Physics and Pho-
tonic Materials (IAPP), Technische Universitdt Dresden, 01187 Dres-
den, Germany

We present our study of Forster resonant energy transfer (FRET) for
the interesting case using a biluminescent donor material. FRET is
used as spectroscopic ruler in various research fields and also deter-
mines many photonic and optoelectronic applications on the nanoscale.
A biluminescent organic molecule is one that shows both fluorescence
and phosphorescence at room temperature, where the latter is only ob-
served under special conditions, which are currently widely explored in
material research. The time dynamics of such a biluminophore is very
special, spanning from nanoseconds-lifetime fluorescence to seconds-
lifetime phosphorescence.

Here, we show that such a biluminescent donor can transfer its en-
ergy of both singlets and triplets to a fluorescent donor in the exact
same framework of FRET. For both singlet and triplet energy transfer,
we separately determine the nanoscale range (< 10 nm). The unified
observation and description of singlet and triplet FRET from the very
same molecular origin (same donor) has not been discussed in liter-
ature before. Importantly, our study validates Forster’s theory on a
single system over eight orders of magnitude in respective excited state
lifetimes.

CPP 3.6 Mon 11:00 HI13
Polarized absorbance and Davydov splitting in bulk and
thin-film pentacene polymorphs — eCaTerINA CoccHi!, To-
B1As BREUER?, GREGOR WITTE?, and CLAUDIA DrAXL! — 1Physics
Dept. and IRIS Adlershof, Humboldt-Universitdt zu Berlin, Germany
— 2Faculty of Physics, Philipps-Universitit Marburg, Germany

Pentacene is one of the most studied organic materials but a number
of issues related to it are still debated. One of them concerns the role
of polymorphism and its effects on the lowest-energy excitations, ap-
pearing in the visible region and being subject to a sizable Davydov
splitting. We address this problem in a combined theoretical and ex-
perimental work, where the electronic and optical properties of three
pentacene phases (two bulk polymorphs and the thin-film phase) are
investigated. Optical spectra computed from many-body perturbation
theory are compared with the polarization-resolved absorbance. In
this way, the two Davydov components of the first exciton are identi-
fied along with the optical fingerprints of each considered phase. All
polymorphs exhibit common features at the absorption onset, while
phase-dependent characteristics appear only above 2 eV. We discuss
the character of the lowest-lying singlet and triplet excitons, highlight-
ing the contributions from the electronic bands as well as the role of
electron-hole interaction and local-field effects [1].

[1] C. Cocchi T. Breuer, G. Witte, and C. Drax]l Phys. Chem. Chem.
Phys. DOI: 10.1039/C8CP06384B (2018).

15 min. break

CPP 3.7 Mon 11:30 H13
Temperature Dependent Photoluminescence Studies on Zinc
Phthalocyanine Single Crystals — eLARISsSA LazarRov!, SEBAs-
TIAN HaMMER!, and Jens Prraum!»2 — 1Experimental Physics VI,
Julius Maximilian University of Wiirzburg, 97074 Wiirzburg — 2ZAE
Bayern, 97074 Wiirzburg

Zinc-phthalocyanine (ZnPc) has been one of the most studied ma-
terials in organic solar cells, due to its high photostability, electronic
tunability and superior opto-electronic properties compared with other
metal-phthalocyanines [1]. Remarkably, the microscopic photophysical
processes in ordered ZnPc aggregates have not been studied in great
detail so far. For this purpose, we grew ZnPc single crystals via gradi-
ent sublimation and confirmed their crystallographic 8-phase by X-ray
diffraction. Temperature dependent photoluminescence (PL) studies
have been performed from 4 to 330 K. Below 100 K the radiative
0-0 vibronic transition consists of two narrow lines with a FWHM of
about 20 meV, respectively. The emission intensity in this temperature
range indicates superradiance accompanied by exciton delocalization
over several molecules according to Spano’s method [2]. Above 100
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K, thermally activated aggregate emission appears to be the dominant
process in PL enhancement by up to one order of magnitude at 330 K.
‘We discuss the superradiant behavior in respect to its dependence on
polarization and excitation power and shed light on the microscopic
processes leading to the emission behavior at elevated temperatures.
[1] Brendel et al., Adv. Funct. Mater., 25, 2015
[2] Spano, F.C., Yamagata, H., JPCB 115, 5133-5143, 2011

CPP 3.8 Mon 11:45 HI13
Programmable transparent organic luminescent tags — eMax
GuMmELcH, HEIDI THoMmas, FELIx FRIEs, and SEBASTIAN REINEKE —
Dresden Integrated Center for Applied Physics and Photonic Materials
(IAPP), Technische Universitdt Dresden, 01187 Dresden, Germany

A novel approach for organic luminescent labeling is shown, providing
unmatched image resolution (>700 dpi) combined with fast and mul-
tiple (>40 cycles) printing onto and erasing from various substrates
in any shape or size. These ultrathin, fully transparent and flexible
organic tags contain highly available materials only and are easy to
process. The material system consists of an organic biluminescent
emitter, embedded into a PMMA host matrix and covered by an oxy-
gen barrier layer. It shows room temperature phosphorescence (RTP),
which in general is quenched by molecular oxygen. However, by illu-
minating with ultraviolet light, this molecular oxygen locally vanishes
at the irradiated spots, enabling RTP at defined spots. Further, by
illuminating with infrared light, the system can be refilled with oxygen
leading to quenching of the RTP again. Therefore, any luminescent
pattern can be written into and erased from the tag without contact
or the use of any ink. Using light only, this new technology offers the
possibility of invisible on-demand information readout.

CPP 3.9 Mon 12:00 H13
Absence of Charge Transfer States at Crystalline Perflu-
oropentacene/Pentacene Interfaces — eSEBASTIAN HAMMER',
CLEMENs ZEISER?, KATHARINA Brocu2?, and Jens PrLaum!3 —
I Experimental Physics VI, Julius Maximilian University of Wiirzburg,
97074 Wiirzburg — 2Institute for Applied Physics, University of

Tiibingen, 72076 Tiibingen — 3ZAE Bayern, 97074 Wiirzburg

The formation of charge transfer (CT) states plays an important role
in charge seperation and impacts the efficiency of organic photode-
tectors and photovoltaics. Pentacene:Perfluoropentacene (P:PFP) has
been largely studied in mixed films as a prototypical CT system by its
suited donor/acceptor (D/A) energy levels [1][2]. However, the role of
molecular orientation on charge transfer has not been elucidated, so far.
For this purpose, we used heteroepitaxial growth of PFP on P (001)
crystal interfaces to achieve long-range ordered D/A heterojunctions
of edge-on molecular orientation as confirmed via X-ray diffraction.
By means of temperature dependent cw fluorescence spectroscopy and
in-situ differential reflectance spectroscopy we determined the optical
characteristics of the PFP /P thin films and demonstrate the absence of
CT state formation at the generic (001) edge-on crystalline interface.
We discuss these findings with respect to possible implementation in
organic solar cells where the suppression of strongly bound CT states
at D/A heterointerfaces yields an increase in open circuit voltage, and
thus in device performance.

[1] K. Broch et al., Phys. Rev. B 83, 245307 (2011)

[2] T. Breuer, G. Witte, J. Chem. Phys. 21, 138 (2013)

CPP 3.10 Mon 12:15 H13
Interplay between intra- and inter-molecular charge trans-
fer in the optical excitations of J-aggregates — eMICHELE
GuerriNT!2:3 | CarErINA Coccni?, ARRIGO CALZOLARI®, DANIELE
Varsano?, and STeraNo Cornt®# — 1Dept. FIM, Univ. of Modena
and Reggio Emilia, Italy — 2Dept. of Physics and IRIS Adlershof,
Humboldt Universitét zu-Berlin, Germany — 3CNR Nano, Centro S3,
Modena, Italy — 4Dept. Chem. Scienc., Univ. of Padova, Italy

Molecular J-aggregates formed by push-pull chromophores have ap-
pealing optical properties which are dominated by collective and
supramolecular effects, as recently demonstrated from first principles
[1]. Here, we investigate the character of the optical excitations from
many-body perturbation theory, focusing on the interplay between
intra- and inter-molecular interactions. We find that the most intense
excitation which dominates the spectral onset (the so-called J-band)
exhibits a combination of intra-molecular charge transfer, coming from
the push-pull character of the constituting dyes, and inter-molecular
charge-transfer, due to the dense molecular packing which favors wave-
function delocalization. Within the J-band we also reveal the presence
of a pure inter-molecular charge-transfer excitation. Our results [2]
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shed light into the microscopic character of optical excitations in J-
aggregates and offer new perspectives for understanding the nature of
collective excitations in organic molecular solids.

[1] M. Guerrini; A. Calzolari; S. Corni ACS Omega 2018, 3 (9),
10481-10486. [2] M. Guerrini; C. Cocchi; A. Calzolari; D. Varsano; S.
Corni submitted (2018).

CPP 3.11 Mon 12:30 H13
Differentiation between the optical signatures of aggregates
and of isolated chains in doped P3HT solutions — eAHMED
E. Mansour!, DomiNiQuE Lunagwitz!, THORSTEN Scuurrz!, An-
preas OPiTz!, and NorBERT Kocu!2 — !nstitut fiir Physik & IRIS
Adlershof, Humboldt Universitit zu Berlin, Germany — 2Helmholtz
Zentrum Berlin fiir Materialien und Energie GmbH, Germany

Molecular doping of Poly(3-hexylthiophene-2,5-diyl) (P3HT) results in
the formation of polarons as the main charge carriers. Charged poly-
mer segments can be identified by optical absorption spectroscopy.|1,2]
Furthermore, molecular doping typically may lead to aggregation of
P3HT and the dopant already in the solution, which alters the film
morphology.[3,4] Herein, we compare the optical signatures of doped
aggregates and doped single chains in solution. Their relative size is
compared by filtering doped suspensions for different absolute concen-
trations and dopant ratios. We find that doped single chains exhibit
absorption features at 1.5 eV and 0.6 eV. For doped aggregates, the
peak at higher absorption energy is split into two absorption features
at 1.3 eV and 1.65 €V. Further, we show that the size of dopant in-
duced aggregation increases as a function of absolute concentration and
dopant ratio. Doped P3HT suspensions are shown to comprise both
doped species, with the aggregates exhibiting a larger dopant loading.

[1|Bredas, J. L. et al., Acc. Chem. Res. 1985, 18, 309. [2]Heimel,
G., ACS Cent. Sci. 2016, 2, 309. [3]McFarland, F. M. et al., J. Phys.
Chem. C 2017, 121, 4740. [4]Jacobs, I. E. et al, J. Mater. Chem. C
2016, 4 (16), 3454.

CPP 3.12 Mon 12:45 H13
‘What is the impact of the donor length on the electronic and
optical properties of charge-transfer complexes? — eANna M
VaLeEnciA and CATERINA CoccHI — Physics Department, Humboldt-
Universitat zu Berlin und IRIS Adlershof

The size ratio between donor and acceptor moieties in organic semi-
conductors is know to effectively influence the doping mechanism [1].
Here, we investigate a series of charge transfer complexes formed by
oligothiophene molecules of increasing length doped by the acceptor
FATCNQ. Using hybrid DFT as a starting point, we assess the elec-
tronic and optical properties of these systems from many-body pertur-
bation theory (GW and the Bethe-Salpeter equation). We find that
the frontier orbitals (HOMO and LUMO) are hybridized in all com-
plexes, while the distribution of deeper occupied and higher virtual
states depend on the nT length. The first bright excitation is domi-
nated by the HOMO-LUMO transition occurring approximately at the
same energy in all systems. At increasing donor length, higher-energy
peaks exhibit different character depending on the donor conjugation
length [2]. We also consider how the relative concentration of donor
and acceptor molecules impacts these properties. The rationale offered
by our results contributes to clarify the excitation processes in organic
donor/acceptor complexes. [1] H. Mendez, et al., Nat. Comm. 6, 8560
(2015). [2] A.M. Valencia and C. Cocchi submitted (2018).

CPP 4: Responsive and Adaptive Systems (joint session CPP /DY)

Time: Monday 9:30-12:15

CPP 4.1 Mon 9:30 HS8
H20 / D20 swelling and exchange kinetics of a multi-
stimuli responsive PNIPAM-based block copolymer thin film
— eLucas Krreuzer!, Tosias Wipmann!, Nuri Honn!, Kun
Wana!, Jean-Francois MouLiN?, VIiET HILDEBRAND?, ANDRE
LascHEWSKY®, CHRISTINE M. Papapakis!, and PETER MULLER-
BuscuBauM! — 1TU Miinchen, Physik-Department, LS Funktionelle
Materialien, James-Franck-Str. 1, 85748 Garching — 2Helmholtz-
Zentrum Geesthacht at Heinz Maier-Leibnitz Zentrum, Lichtenbergstr.
1, 85747 Garching — 3Universitéit Potsdam, Institut fiir Chemie, Karl-
Liebknecht-Strafse 24-25, 14476 Potsdam Golm

Stimuli-responsive polymers can react with a drastic change in prop-
erties towards even slight changes in their surrounding environment.
Especially in thin film morphology, such films are well-suited for a man-
ifold of applications such as nano-switches, artificial muscles in soft-
robotics or sensors. In order to implement stimuli-responsive polymers
in the aforementioned application fields, a fundamental understanding
of the underlying kinetics is necessary. In our recent work, we followed
the H20 and D20 swelling and the corresponding exchange kinetics
in a multi-stimuli responsive block copolymer thin film with in-situ
time of flight (TOF) neutron reflectometry (NR). TOF-NR enables
high time resolution with which the mechanisms of water uptake and
exchange can be followed. A theoretical model is applied to describe
the swelling and exchange kinetics in order to obtain detailed insights
about the underlying mechanisms of these dynamic processes.

CPP 4.2 Mon 9:45 HS8
Morphology of Thermoresponsive Molecular Brushes with
Copolymer Side Arms in Aqueous Solution eJiA-
Juen Kanc!, JunpeNG Znao?, HeEnricH FRIELINGHAUS?, LESTER

BARNSLEY?, FABIAN KoHLER!, HENDRIK DieTz!, STERGIOS PIspas?,
and CHRISTINE M. Papapakis! — 1TU Miinchen, Physik-
Department, Garching, Germany — 2National Hellenic Research

Foundation, Theoretical and Physical Chemistry Institute, Athens,
Greece — 3FZ Jiilich, JCNS at MLZ, Garching, Germany

Poly (ethylene oxide) (PEO) and poly (propylene oxide) (PPO) are
known to be thermoresponsive polymers both exhibiting lower critical
solution temperature (LCST) behavior, with the cloud points >100
°C and 8 °C, respectively. In the present work, we aim to investigate
the LCST behavior of their densely-grafted analogues, namely molec-
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ular brushes, which are polymers composed of a polymeric backbone
and side arms attached to virtually every monomer of the backbone.
Molecular brushes with PEO-ran-PPO and PEO-block-PPO copoly-
mer side arms were studied in aqueous solution using dynamic light
scattering (DLS) and small angle neutron scattering (SANS). They dis-
play mixed LCST behavior based on the two components, indicating
new properties induced by the densely-grafted architecture.

CPP 4.3 Mon 10:00 HS8
Formation and growth of mesoglobules in aqueous poly(N-
isopropylacrylamide) solutions at low and high pressures
revealed with fast pressure jumps — eBART-JAN NIEBUUR!,
LeoNaRDO CHiaPPISI?, FLORIAN JUNG!, X1A0HAN ZHANG!, ALFONS
Scuurre3, and CHRISTINE M. Papapakis! — 1TU Miinchen, Physik
Department, Physik weicher Materie, Garching, Germany — 2Institut
Laue-Langevin, Large Scale Structures Group, Grenoble, France —
3University of Central Florida, Department of Physics and College of
Optics and Photonics, Orlando, U.S.A.

Understanding the kinetics of phase separation is of importance
for numerous systems. The thermoresponsive polymer poly(N-
isopropylacrylamide) (PNIPAM) presents a model system to investi-
gate the kinetics of phase separation. In aqueous solutions at tempera-
tures above the cloud point, PNIPAM forms stable mesoglobules with
their size and hydration state depending strongly on pressure [1]. To
elucidate the formation and early stage growth of the mesoglobules, we
applied time-resolved small-angle neutron scattering after rapid pres-
sure jumps inducing phase separation at low and high pressures. We
find that mesoglobule formation includes the formation of small clus-
ters, growth by diffusion-limited coalescence, and the formation of a
dense shell, slowing down further coalescence [2]. The strong dehy-
dration at low pressures results in much slower kinetics than at high
pressures, where the chains stay more hydrated. [1] B.-J. Niebuur, C.
M. Papadakis et al., ACS Macro Lett. 2017, 6, 1180. [2] B.-J. Niebuur,
C. M. Papadakis et al., ACS Macro Lett. 2018, 7, 1155

CPP 4.4 Mon 10:15 HS
The structural and dynamic behavior of the thermorespon-
sive polymer Poly(N-isopropylmethacrylamide) — eCHia-
Hsin Ko!, Kora-LEe CLAUDE!, DIRK SCHANZENBACHZ, BART-JAN
NieBuur!', HENRICH FRIELINGHAUS3, LESTER BARNSLEY®, VITALIY
Prricu®, Avrons ScHULTE?, PETER MULLER-BuscuBaum!, ANDRE
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LascHEWsKY2®, and CHRISTINE M. Papapakis! — TU Miinchen,

Physik-Department, Garching, Germany — 2Universitidt Potsdam, In-
stitut fiir Chemie, Germany — 3FZ Jiilich, JONS at MLZ, Garching,
Germany — 4University of Central Florida, Department of Physics,
Orlando, U.S.A — S5Fraunhofer-Institut fiir Angewandte Polymer-
forschung, Potsdam-Golm, Germany

Poly(N-isopropylmethacrylamide) (PNIPMAM) is a thermoresponsive
polymer, exhibiting lower critical solution temperature (LCST) behav-
ior in aqueous solution. Compared to the well-investigated poly(N-
isopropylacrylamide) (PNIPAM), which has similar chemical struc-
ture, PNIPMAM has a higher transition temperature (43 °C instead
of 32 °C). This may be due to the presence of the additional methyl
groups on the vinyl backbone, which cause steric hindrance and weaken
the intramolecular interactions. We investigate the temperature- and
concentration-dependent phase behavior of PNIPMAM in D2O us-
ing turbidimetry, dynamic light scattering (DLS), small-angle neutron
scattering (SANS) and Raman spectroscopy. The main difference from
PNIPAM are inhomogeneities in the one-phase state due to physical
crosslinks caused by the methyl groups.

CPP 4.5 Mon 10:30 HS
All-in-One ’Schizophrenic’ Self-assembly of Orthogonally
Tuned Thermo-responsive Diblock Copolymers Na-
TALYA S. VISHNEVETSKAYA!, VIET HILDEBRAND?, PETER MULLER-

BuscuBauM!, ANDRE LascHEwsky??, and eCHRISTINE M.
Papapakis! — 'TU Miinchen, Physik-Department, Garching, Ger-
many — 2Universitit Potsdam, Institut fiir Chemie, Germany —

3Fraunhofer-Institut fiir Angewandte Polymerforschung, Potsdam-
Golm, Germany

Smart, fully orthogonal switching was realized in a diblock copolymer
system with variable trigger-induced aqueous self-assembly [1]. The
polymers are composed of non-ionic and zwitterionic blocks featuring
lower and upper critical solution temperatures (LCST, UCST). Due to
the salt-sensitivity of the zwitterionic block, the UCST can be varied
by addition of salt. Superimposed orthogonal switching by electrolytes
results in ’schizophrenic’ micellization, in which the roles of the core
and the shell block are interchanged. The following switching scenarios
are observed by turbidimetry and SANS: i) via a molecularly dissolved
state at low NaBr concentrations, or (ii) via an insoluble state at high
NaBr concentrations. The versatile and tunable self-assembly of such
diblock copolymers offers manifold opportunities, e.g. for smart emul-
sifiers.

1. N. S. Vishnevetskaya et al., Macromolecules 51, 2604 (2018)

CPP 4.6 Mon 10:45 HS
PNIPAM microgel-stabilized aqueous foams and foam films
— eMarTHIAS KUHNHAMMER and REGINE voN KriTzing — Tech-
nical University of Darmstadt, Soft Matter at Interfaces, Darmstadt,
Germany

Cross-linked, short-chained poly-N-isopropylacrylamide (NIPAM)
polymers have been in the focus of numerous studies in the past years
and are still being discussed very actively in the context of multiple
possible applications, because of their ability to respond to external
stimuli like temperature. A prominent example are thermo-responsive
emulsions stabilized by microgel particles adsorbed at the water-oil in-
terface. In these systems the emulsion stability can be controlled by
changing the temperature.

In this contribution the interfacial activity of PNIPAM microgels is
exploited to stabilize aqueous foams. These foams are very stable at
temperatures below the volume phase transition temperature (VPTT)
of NIPAM and can be destabilized by increasing the temperature above
the VPTT. In addition, the relation between the properties of indi-
vidual microgels (e.g. size, elasticity, particle concentration) and the
properties of foams prepared with them is studied. The properties of
foam films are studied with a thin film pressure balance and are related
to features of macroscopic foams investigated in drainage experiments
and with neutron scattering.

CPP 4.7 Mon 11:00 HS
Reversible surface structuring of photosensitive polymer
films: In-situ atomic force microscopy and diffraction effi-
ciency measurements — eJOACHIM JELKEN, BURKHARD STILLER,
CARSTEN HENKEL, and SVETLANA SANTER — Institute of Physics and
Astronomy, University of Potsdam, Potsdam, Germany

Here we report on light induced reversible structuring of azobenzene
containing polymer films under dynamic changing of local distribution
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of electrical field vector in interference pattern used for the polymer ir-
radiation. This is achieved utilizing a homemade setup which consists
of three parts: a two beam interference setup for topography struc-
turing, an atomic force microscope (AFM) for in-situ recording (dur-
ing irradiation) of surface morphology[1,2], and a diffraction efficiency
(DE) setup which enables to obtain information about the birefrin-
gence grating at the same time. Introducing a phase delay between
the two interfering beams results in a shift of the whole interference
pattern along the sample plane. Depending on the shifting speed the
topography grating follows the redistribution of electrical field vector.
In this way one can reversible structure and flatten surface topography
in controlled manner. Using the measured kinetics of topography and
birefringence gratings we aim to further understand the process of sur-
face relief grating formation in azobenzene containing polymer films
[3]. [1]S. N. Yadavalli, M. Saphiannikova and S. Santer, Appl. Phys.
Lett., 2014, 105, 051601 [2]S. N. Yadavalli and S. Santer, J. of Appl.
Phys., 2013, 113, 224304-12 [3]V. Toshchevikov, J. Ilnytskyi and M.
Saphiannikova, J. Phys. Chem. Lett. 2017, 8, 1094

15 min. break

CPP 4.8 Mon 11:30 HS8

Modelling of light-induced deformations in side-chain
azopolymers — eBHARTI YApAv, JAN DoMURATH, and MARINA
SAPHIANNIKOVA — Leibniz-Institut fiir Polymerforschung Dresden e.

V., Hohe Str. 6, 01069 Dresden

Photopolymers deform in the presence of light, even below the glass
transition temperature, because the stress produced by the light is
greater than the yield stress [1]. The deformations in the photopoly-
mers are directional i.e. they depend on the polarization of light [2].
For linearly polarized light the deformation is in the direction of the
polarization and for circularly polarized light in the plane perpendic-
ular to the propagation vector. These directional deformations are
caused by the light-induced orientation potential, which acts on each
chromophore attached to the main chain. From the orientation po-
tential one can calculate the light-induced stress in the sample. We
model these photopolymers as visco-plastic materials by implementing
the light-induced stress using ANSY, a finite element modelling soft-
ware. We calculate the strain and elongation as a function of time for
both linearly and circularly polarized light.

[1] Toshchevikov, V. et al. J. Phys. Chem. Lett. 8 (2017) p.1094-
1098

[2] Kang., H. S. et al. Adv. Funct. Mater. 24 (2014) p.7273-7283

CPP 4.9 Mon 11:45 HS8
Columnar clusters of three-arm azobenzene stars - MD simu-
lations of a light-induced phase transition — eMarkus Kocau!,
MARINA SAPHIANNIKOVA', SVETLANA SANTER?, and OLca Guskoval
— !Institute Theory of Polymers, IPF Dresden, Germany — 2Institute
of Physics and Astronomy, University of Potsdam, Germany

In this study we investigate star-shaped molecules consisting of a cen-
tral benzenetricarboxamide (BTA) core and three symmetrically at-
tached azobenzene groups. In aqueous solution these molecules exhibit
a distinctive photoresponsive self-assembly behavior. In the absence
of light or exposed to blue visible light they form long fibrous struc-
tures. When irradiated with UV light the columns disassemble but can
be restored after resuming exposure to the initial conditions [1]. This
phase transition is a result of the trans-cis photoisomerization of the
centrally anchored azobenzene arms. We demonstrate, using DFT and
MD simulations, that the solvophilicity of azo stars increases with the
number of azo groups present in the cis state [2]. Further on using MD
simulations, the stability of the columnar clusters in water is tested,
while again varying the amount of trans and cis arms per molecule.
Our results indicate that clusters with a large fraction of cis-arms dis-
play higher disorder or may even break apart. Lastly, also the kinetics
of cluster self-assembly from random initial distributions is studied.

We gratefully acknowledge support from the German Research Foun-
dation (DFG), projects GU 1510/3-1 and SA 1657/13-1.

[1] Lee, S. et al. Langmuir 29 (19), 5869 (2013)

[2] Koch, M. et al. J. Phys. Chem. B 121, 8854 (2017)

CPP 4.10 Mon 12:00 HS8
Dissipative systems with nonlocal delayed feedback — eJosua
GRAWITTER, REINIER VAN BUEL, CHRISTIAN ScHAAF, and HOLGER
STARK — Institut fiir Theoretische Physik, Technische Universitét
Berlin, Berlin, Germany
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We present a linear model, which mimics the response of a spatially
extended dissipative medium to a distant perturbation and investi-
gate its dynamics under delayed feedback control [Grawitter et al.,
New J. Phys. 20, 113010 (2018)]. In our model the time it takes a per-
turbation to travel to the location of measurement is described by an
inherent delay time. We investigate the resulting double-delay differen-
tial equation using linear stability analysis and numerical integration.

For nonzero delay, linear stability analysis reveals that sufficiently
strong feedback destabilizes the system’s trivial fixed point. When
feedback is bounded by a smooth sigmoid function, the stability-
instability transition follows a supercritical Hopf bifurcation and a sta-

ble limit cycle occurs. Its frequency and amplitude respond to param-
eter changes like the dominant eigenvalue of the linearized problem. In
particular, they show similar discontinuities along specific lines. These
results are largely independent of the chosen sigmoid function and
match previous findings on the feedback-induced instability of vortex
diffusion in a rotationally driven Newtonian fluid. Because our model
captures the essential features of nonlocal delayed feedback in dissi-
pative systems, we consider it a valuable reference case for studies of
more complex and spatially extended systems such as photoresponsive
fluid interfaces.

CPP 5: Membranes and vesicles | (joint session BP/CPP)

Time: Monday 9:30-12:30

CPP 5.1 Mon 9:30 H10
Soft Thermal Treatment Stabilizes Vacuum-deposited Phos-
pholipid Layers for Sensor Applications — SEBASTIAN MoLINAL,
MARCELO CIsTERNAS!, MaRria J. ReEtamar?, NicoLas Moracgal,
Huco ZeLapal, eJonas Forrmann!:3, Tomas P. CoRRALEs?,
Patrick HUBER®, Marco SoTo-ARriaza?, and UrricH G.
VoLkMaNN! — Mnstitute of Physics and CIEN-UC, P. Univ. Catolica
de Chile, Santiago, Chile — 2Faculty of Chemistry and CIEN-UC, P.
Univ. Catolica de Chile, Santiago, Chile — 3TU Clausthal, Germany
— “4Department of Physics, UTFSM, Valparaiso, Chile — >TUHH,

Hamburg, Germany

Artificial membranes allow one to study of the behavior of biological
membranes, which are the base of the cell membrane structure. The
cell membrane is composed of different lipids and proteins that change
their behavior when they are stimulated physically and/or chemically.
Besides traditional methods we use a solvent free, dry method for phos-
pholipid deposition in high vacuum onto residue-free silicon substrates.
The cleanness of the substrate and the precise thickness of the DPPC
layer on the substrate is controlled in-situ using Very High Resolution
Ellipsometry. In this work we show the enhancement of phospholipid
bilayer self-assembling and stability due to a soft thermal treatment.
The behavior of the artificial membranes is studied in air and immersed
in aqueous medium, which mimics the natural environment of the bi-
ological membrane. Acknowledgements: FONDECYT Nos. 3160803
(MJR), 1180939 (UGV) 1171047 (MSA) and 11160664 (TPC), CON-
ICYT Fellowship (MC) and CONICYT-PIA ACT 1409.

CPP 5.2 Mon 9:45 HI10
Prolonged Phospholipid Bilayer Stability due to Hydration
on Porous Silicon: Pore Diameter and Porosity Optimiza-
tion — Nicoras Moracal, MarceLo CisTERNAS!, Dieco Diaz!,
Robrico CaTaLaN!, MARIA J. RETAMALZ, ToMmas P. CORRALESS,
Mark Buscu?, Parrick Huser?, Marco Soro-ARriaza?, and
eULricH G. VoLKMANN! — !Institute of Physics and CIEN-UC, P.
Univ. Catolica de Chile, Santiago, Chile — 2Faculty of Chemistry and
CIEN-UC, P. Univ. Catolica de Chile, Santiago, Chile — 3Department

of Physics, UTFSM, Valparaiso, Chile — *TUHH, Hamburg, Germany

Study of artificial membranes has become an important way to gain in-
sight into the physical behavior of cell membranes. In this work, porous
silicon substrates (pSi) were prepared with different pore diameters
and porosities. The substrates were characterized with Field Emis-
sion Electron Microscopy. The phospholipid (DPPC) was deposited in
high vacuum from the gas phase on the pSi. Film thickness was con-
trolled in-situ using Very High Resolution Ellipsometry (VHRE). Sam-
ples were hydrated in air with ultrapure water to assemble the bilayer.
Phase transitions were measured with VHRE and Stray Light Inten-
sity during temperature cycles. AFM was used to study morphological
changes of bilayers as a function of temperature. Our results show that
specific pore diameters and porosities of nanoporous substrates pro-
long phospholipid bilayer stability due to hydration with water stored
in the pores. Acknowledgement: FONDECYT Nos. 3160803 (MJR),
1180939 (UGV), 1171047 (MSA) and 11160664 (TPC), CONICYT Fel-
lowship (MC) and CONICYT-PIA ACT 1409.

CPP 5.3 Mon 10:00 HI0

Mechanisms of Interactions between Lipid Membranes in the

Presence of Biological Cosolutes — e AMANUEL WoLDE-KIDaAN?,
Quoc Dar PHaM2, ALEXANDER ScHLAICH?, EMMA SPArRRZ, and

Roranp NETz? — Freie Universitit, Berlin, Germany — 2Lund Uni-
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versity, Lund, Sweden — 3Laboratoire Interdisciplinaire de Physique,
Grenoble, France — *Max Planck Institute of Colloids and Interfaces,
Potsdam, Germany

Lipid membranes form the diffusional barrier of eukaryotic cells and
determine processes when cells come into close contact, for example
during cell fusion or vesicle formation. We analyze the effects of three
cosolutes on membrane interactions, which are all abundantly found in
biological systems, namely urea, TMAO and sodium chloride. The ef-
fect of the polar solutes urea and TMAO on protein stability has been
studied extensively, but their influence on lipid bilayers has only re-
cently started to be investigated. Using atomistic molecular dynamics
simulations and theoretical modeling we analyze different mechanisms
of lipid-solute and lipid-lipid interactions. By means of solution ther-
modynamics we model the effect of the cosolutes on the hydration
repulsion between lipid bilayers. Results from our simulations com-
pare well to experimental calorimetric measurements. We find that
the osmotic pressure due to the added solute has the most important
influence on the hydration repulsion. Furthermore, we find that the
interaction mechanism of sodium chloride with lipid bilayers is dom-
inated by the ion-membrane potentials of mean force. Other factors
such as the dielectric response seem to be of less importance.

CPP 5.4 Mon 10:15 HI10
Glycolipids as zippers between phospholipid membranes —
eVicToriA Larzal, Bruno DEME2, and EMANUEL ScHNECK! —
IMax-Planck Institut fiir Kolloid und Grenzflichenforschung, Pots-
dam, Germany — 2Institut Laue-Langevin, Grenoble, France

Essential mechanisms in biological cells, such as molecular transport
and cell division, involve the spatiotemporal reorganization of mem-
branes in terms of membrane adhesion or vesicle release. These pro-
cesses are largely determined by membrane-membrane interactions and
thus highly sensitive to the membranes* surface chemistry. It is known
that certain membrane-bound saccharide motifs, such as the LewisX
trisaccharide, promote membrane adhesion. These cases, however,
have been viewed as exceptions. Here, with the help of small-angle
x-ray scattering, we investigate the interaction between membranes
composed of ternary lipid mixtures of (i) uncharged phospholipids as
matrix, (ii) negatively charged phospholipids to induce electrostatic
repulsion, and (iii) glycolipids featuring various mono- and oligosac-
charide headgroups. We find that a large fraction of saccharide types
are able to induce membrane adhesion through the formation of weak
inter-membrane bonds. These bonds are resistant to electrostatic re-
pulsion at levels that lead to the complete unbinding of pure phospho-
lipid membranes. Our results strongly indicate that glycolipid-induced
membrane-binding is not an exceptional feature of few saccharide types
but a highly abundant phenomenon of great relevance for membrane
biophysics.

Invited Talk CPP 5.5 Mon 10:30 H10
Lessons learned from complex mimics of biological mem-
branes — ¢ GEORG PaBsT — University of Graz, Institute of Molec-
ular Biociences, NAWI Graz, 8010 Graz, Austria

Lipid-only mimics of biological membranes serve as valuable platforms
for studying the functional role of membrane lipids under chemically
and experimentally well-defined conditions. Of recent, we have focused
on complex mimics of mammalian and bacterial plasma membranes
with either lateral or transbilayer inhomogeneities. In particular, we
have developed protocols for fabricating and analyzing asymmetric
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lipid vesicles, which are sufficiently stable and which are amenable for
biophysical studies using diverse techniques. We have specialized on
small-angle X-ray/neutron scattering combined with complimentary
techniques to address leaflet specific structure and transbilayer cou-
pling mechanisms. Complementary, we are currently developing tools
for reliable estimates for intrinsic lipid curvatures, which are known to
play a pivotal role in coupling to protein function. I will present recent
research highlights resulting from these efforts and discuss some appli-
cations to membrane-active drugs, such as antimicrobial peptides, or
the partitioning of transmembrane proteins function.

30 minutes break.

CPP 5.6 Mon 11:30 HI10

The interaction of viral fusion peptides with model li-
pid membranes at high hydrostatic pressure — GORrRAN
SURMEIER!, M1cHAEL PauLus!, Susanne Docan!, Yury Forovl,
Mirko ELBERs!, SimoN EcGer? und eJuria Nase! — !Fakultit
Physik/DELTA, TU Dortmund, 44221 Dortmund — 2Physikalische

Chemie, TU Dortmund, 44221 Dortmund

When a virus enters a host cell, the insertion of viral fusion pepti-
des (FPs) into the target membrane catalyzes the membrane fusion
reaction. We investigated the interaction of different FPs with model
membranes in X-ray reflectivity measurements at the interface bet-
ween monoolein/water mixtures and a silicon substrate. In addition,
the bulk and interfacial structures were investigated with small angle
X-ray scattering in transmission and in grazing incidence. Monoole-
in/water mixtures have a very rich pressure-dependent phase diagram.
Notably, the inverse bicontinuous cubic phases exhibit structural ana-
logies to the hemifusion intermediates. We found that pressurization
triggers formation of ordered lamellar monoolein multilayers close to
the interface even in a pressure range where the bulk material is in
the cubic phase. Previous studies demonstrated the effect of FPs on
the pressure-dependent phase boundaries [1]. We resolved the verti-
cal membrane structure of some multilayers and monitored the pene-
tration of FPs into the membrane. Experiments were performed in a
custom-made high hydrostatic pressure cell [2] at beamlines ID31 of
the ESRF and BL9 of DELTA. [1] A. Levin et al, J Phys Chem B 121
(2017) 2] F.J. Wirkert et al, J. Synchr. Radiat. 21 (2014)

CPP 5.7 Mon 11:45 HI0
Lipid membrane fusion in proteoliposomes and multilamel-
lar stacks studied by X-ray scattering — eKiLiaN FRrRANK!,
KarLo Komorowski!, VERoNIcA CHaPPAZ, Max ScHEU!, MARCUS
MULLER?, and Tim SALDITT! — !Georg-August-Universitit, Institute
for X-ray Physics, Friedrich-Hund-Platz 1, 37077 Géttingen — 2Georg-
August-Universitét, Institute for Theoretical Physics, Friedrich-Hund-
Platz 1, 37077 Gottingen

Intermediate structures of membrane fusion, e.g. during release of
neurotransmitter at the synapse, are difficult to resolve at the molec-
ular level, especially in the close-to-physiological regime with SNARE
fusion proteins. To provide structural information, we combine two X-
ray scattering approaches: First, SAXS on proteoliposomes (PL) with
reconstituted SNARES serves to identify changes in PL size and radial
density profile upon fusion in a hydrated environment. We present a
simulation framework based on 3D-FFT to estimate how well size and
shape changes (homogeneous swelling of an ensemble, thermal fluctu-
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ations, and strong equilibrium defomations) are detected in PL-SAXS.
Second, GISAXS on solid-supported multilamellar membrane stacks
at controlled humidity and salt concentration allows to characterize
the energy of fusion stalk formation, prior to crystallization to a stalk
phase with rhombohedral symmetry. Here we find that CaCl2, in con-
trast to other salts, facilitates stalk phase formation, also cooperatively
in fusiogenic lipid mixtures. By combining both methods, we lay the
foundation for a quantitative X-ray analysis of the membrane fusion
process with natural proteins or artificial peptides.

CPP 5.8 Mon 12:00 H10
Structural changes in biomimetic myelin membranes induced
by Myelin Basic Protein — eBeNJaAMIN KRUGMANN'2| ANDREAS
STapLER!, AUREL RADULEscU?, ALEXANDROs KouTsioumpas?, and
StePHAN FORSTERD'2 — lForschungszentrum Jiilich JCNS-1, 52428
Jiilich, Germany — 2Forschungszentrum Jiilich JCNS-MLZ, 85748
Garching, Germany

The myelin sheath plays an important role in nerve signal conduc-
tion. It acts as an insulating layer which enables fast signal transport
by reducing conduction losses. In demyelinating diseases like multiple
sclerosis, this membrane is damaged, which leads to severe problems
in nerve conduction. In literature different values for the lipid compo-
sition of healthy and modified membranes have been found. Based on
these results, we investigate the membrane structure for the respective
compositions. As next step we add Myelin Basic Protein (MBP) to
the membrane and investigate the induced structural change. Small
angle neutron scattering (SANS) and cryo-transmission electron mi-
croscopy data show the structure of vesicles with healthy and modified
membrane composition and the strong structure change induced by
MBP. Neutron Reflectometry (NR) data indicates that MBP interacts
differently with healthy and modified myelin membranes.

CPP 5.9 Mon 12:15 HI10
Influenza A matrix protein (M1) multimerization is the main
driving force for membrane bending and tubulation.
eIsmaiL DanMANI — Cell Membrane Biophysics Group / Universitét
Potsdam Karl-Liebknecht-Str. 24-25, Haus 25, B/1.04 14476 Potsdam-
Golm Deutschland

The matrix protein of the Influenza A virus (M1) forms a shell under-
lying the viral lipid envelope and controls the geometry of the virus
capsid. In infected cells, M1 orchestrates the process of new virion for-
mation by binding to the inner leaflet of the plasma membrane (PM),
which finally results in bending of the lipid bilayer and virus release
. The exact role of M1 polymerization in inducing membrane defor-
mation and budding is not clear. Here, to model virus egress through
the PM, we analyzed M1 binding to giant unilamellar vesicles (GUVs).
Our results show that M1 and a construct consisting of its Nterminal
domain (NM1) bind to negatively charged lipids causing unidirectional
deformation by imposing an inward curvature and membrane tabula-
tion . Detergent-mediated solubilization of the lipid bilayer after M1
binding leaves the three-dimensional organization of the protein in-
tact, indicating that M1 forms a very stable network adjacent and
independent from the lipid membrane. Our data also indicate that
the C-terminal domain of M1 is not needed for the establishment of
protein-protein interactions and membrane deformation. Finally in
acidic conditions (pH=5) M1 irreversibly loses its ability to multimer-
ize and induce curvature, thus confirming that M1 multimerization is
the molecular mechanism responsible for membrane deformation.
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CPP 6: Active Matter A (joint session DY /CPP)

Time: Monday 9:30-12:45

Invited Talk CPP 6.1 Mon 9:30 H20
Collective behavior and self-organisation of active granu-
lar particles — eTHORSTEN POscHEL, MicHAEL ENGEL, CHRIS-
TIAN ScHoLz, and HArRoL ToRRES — Friedrich-Alexander-Universitat
Erlangen-Niirnberg

Biological organisms and artificial active particles self-organize into
swarms and patterns. Open questions concern the design of emergent
phenomena by choosing appropriate forms of activity and particle in-
teractions. A particularly simple and versatile system are 3D-printed
robots on a vibrating table that can perform self-propelled and self-
spinning motion. Here we study a mixture of minimalistic clockwise
and counter-clockwise rotating robots, called rotors. Our experiments
show that rotors move collectively and exhibit super-diffusive interfa-
cial motion and phase separate via spinodal decomposition. On long
time scales, confinement favors symmetric demixing patterns. By map-
ping rotor motion on a Langevin equation with a constant driving
torque and by comparison with computer simulations, we demonstrate
that our macroscopic system is a form of active soft matter.

C. Scholz, T. Poschel, Phys. Rev. Lett. 118, 198003 (2017)

C. Scholz, M. Engel, T. Péschel, Nature Comm. 9, 931 (2018)

C. Scholz, S. D’Silva, T. Poschel, New J. Phys. 18, 123001 (2016)

C. Scholz, T. Poschel, Revista Cubana de Fisica 34, 69 (2017)

CPP 6.2 Mon 10:00 H20
Approximating microswimmer dynamics by active Brownian
motion: Energetics and efficiency — eJANNIK EHRICH and MAR-
cEL KAHLEN — Institut fiir Physik, Carl von Ossietzky Universitét,
26111 Oldenburg, Germany

We consider the dynamics of a microswimmer and show that they can
be approximated by active Brownian motion. The swimmer is mod-
eled by coupled overdamped Langevin equations with periodic driving.
We compare the energy dissipation of the real swimmer to that of the
active Brownian motion model finding that the latter can massively
underestimate the complete dissipation. This discrepancy is related to
the inability to infer the full dissipation from partial observation of the
complete system. We introduce an efficiency that measures how much
of the dissipated energy is spent on forward propulsion.

[1] J. Ehrich and M. Kahlen, arXiv:1809.07235 (2018)

CPP 6.3 Mon 10:15 H20
Magnetocapillary Microswimmers eMaxiME Huserr!:2,
GaLIEN GRrosiean?, and NicoLas VANDEWALLE? — 1PULS group,
Department of Physics, Friedrich-Alexander-Universitdt Erlangen-
Niirnberg, Erlangen, Germany — 2GRASP Lab, CESAM UR, Uni-
versity of Liége, Liége, Belgium

The study of artificial microswimmers is of major interest in many
area of physics, from the understanding of microorganisms swim-
ming strategies to applications in microfluidic and micromanipulation.
While there exists numerous theoretical studies on microswimmers,
experimental realizations are technologically challenging. We focus
in this presentation on a simple system made of three soft ferromag-
netic particles trapped at air-water interfaces and self-assembling in
triangles. Complex behaviors can arise under a time-dependent mag-
netic field. In particular, those assemblies can undergo deformations in
non-time-reversible sequences, a necessary condition for low Reynolds
number locomotion. Because of their controllability, such structures
can be used for capture, transport and release of a microcargo, or the
mixing of fluids at low Reynolds number. During this talk, the key
mechanism for the collective motion of the beads is described from a
numerical point of view and a model for their dynamics is discussed,
opening the way for optimal control and efficiency of experimental
magnetocapillary microswimmers.

CPP 6.4 Mon 10:30 H20
Self-assembly of dipolar active Brownian particles in two di-
mensions — eGuo-JuN Liao and SaBiNE H. L. Krapp — Insti-
tut flir Theoretische Physik, Technische Universitat Berlin, Harden-
bergstrafe 36, 10623 Berlin

We computationally study the self-assembly behavior of self-propelled
Brownian particles with additional dipole-dipole interactions, stem-
ming from a point dipole in the particle center. The propulsion
direction of each particle is parallel to its dipole moment. At low den-
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sities and small dipolar coupling, the system undergoes a transition
from a homogeneous state to a state with finite-sized (and orientation-
ally disordered) clusters, when the particle motility is increased. Such
cluster formation could be regarded as the asymptotic behavior of con-
ventional active Brownian particles [1]. For strongly coupled dipolar
colloids and zero motility, the model exhibits gel-like structures. On
increasing particle motility, we observe a transition into a state with
orientationally-ordered, finite-sized clusters. We analyze this state via
the cluster size distribution and the net orientation. We also propose
a mechanism to describe the emergence of such clusters.

Reference:
[1] G.-J. Liao and S. H. L. Klapp, Soft Matter 14, 7873 (2018)

CPP 6.5 Mon 10:45 H20
Experimental optimization of escape strategies in active sys-
tems. — eHuGco WENDEHENNE, FrRANGOIS LAVERGNE, and CLEMENS
BECHINGER — Department of Physics, University of Konstanz, 78464
Konstanz, Germany

Groups formed by living organisms frequently react to external per-
turbations which can be repulsive (incoming predator) or attractive
(presence of food). These responses are a combination of individuals
reacting directly to the perturbation and collective mechanisms within
the group. However, it is unclear whether collective interactions are
a real benefit for an individual to escape from a repulsive perturba-
tion. Here, we show that a change of the individuals’ motilities and
polarities in response to their visual perception of a perturbation leads
to an effective escaping motion. Experimentally, this is demonstrated
using active particles whose propulsion velocities and orientations are
individually light-controlled by an external feedback-loop. We show
that for a single active particle reacting to the perturbation within a
restricted field of view, there is an increase of its rotational diffusion.
The escape dynamics is characterized by ballistic transport, which is
maximized for an optimal width of the particle’s field of view. Interest-
ingly, for a multi-particle system where individuals interact with their
peers using a cohesion-based mechanism, we show that the escaping
motion becomes more efficient. We expect this escaping mechanism to
be relevant for cases where the perturbation is mobile, such as prey-
predator interactions.

CPP 6.6 Mon 11:00 H20
Dynamics and configurations of active polymers — ePaoLo
MALGARETTI — Max Planck Institute for Intelligent Systems,
Stuttgart, Germany

We study the dynamics and conformation of polymers composed by
active monomers. By means of Brownian dynamics simulations we
show that, when the direction of the self-propulsion of each monomer is
aligned with the backbone, the polymer undergoes a coil-to-globulelike
transition, highlighted by a marked change of the scaling exponent of
the gyration radius. Concurrently, the diffusion coefficient of the cen-
ter of mass of the polymer becomes essentially independent of the
polymer size for sufficiently long polymers or large magnitudes of the
self-propulsion. These effects are reduced when the self-propulsion of
the monomers is not bound to be tangent to the backbone of the poly-
mer. Our results, rationalized by a minimal stochastic model, open
new routes for activity-controlled polymers and, possibly, for a new
generation of polymer-based drug carriers|1].
[1] V. Bianco, E.Locatelli, P. Malgaretti PRL 121, 217802 (2018)

15 min. break

CPP 6.7 Mon 11:30 H20
Collapse Dynamics of Polymers with Vicsek-like Activity
— eoSuBHAJIT Paur!, Suman Masumper!, SuBir K Das?, and
WoLFHARD JANKE! — !Institute for Theoretical Physics, University
of Leipzig, Leipzig, Germany. — 2Theoretical Sciences Unit, Jawa-
harlal Nehru Centre for Advanced Scientific Research, Jakkur P.O.,
Bangalore, India

Many biologically active systems can effectively be understood within
the framework of active matter models in statistical physics. In this
regard, even modeling a single component Lennard-Jones-type fluid
with Vicsek-like activity shows both rich phase and dynamical be-
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havior. Motivated by this we construct a flexible bead-spring poly-
mer model with Vicsek-like activity of the monomer beads. We pay
particular emphasis on exploring the pathways of its collapse, follow-
ing a quench from a high-temperature random coil state into a low-
temperature phase where the equilibrium phase is a compact globule in
the passive limit of the model. In the active case, however, our results
from molecular dynamics simulations reveal that depending upon the
strength of activity there is a rich phase behavior of the model that
ranges from compact globule to dumbbells. On the nonequilibrium
dynamics front, we compare our results with the passive polymer case,
from the perspective of various scaling laws related to the collapse
time, cluster coarsening, etc.

CPP 6.8 Mon 11:45 H20
Collective guiding of self-acoustophoretic particles in complex
environments* — ToBiAs NITSCHKE and e RAPHAEL WITTKOWSKI
— Institut fiir Theoretische Physik, Westfalische Wilhelms-Universitat
Miinster, D-48149 Miinster, Germany

Using self-propelled microparticles for medical applications like tar-
geted drug delivery has been a dream for many decades. With the
recent discovery of self-acoustophoretic particles, which move when
they are exposed to ultrasound, a new type of particles with a bio-
compatible propulsion mechanism has become available. It turned out
that these particles can be made from biocompatible materials and be
equipped with mechanisms for the encapsulation and release of drugs.
However, the hitherto insufficient capabilities for controlling the col-
lective motion of the particles remained as a big obstacle preventing
far-reaching medical applications.

In this talk, we present a method that allows to guide a large num-
ber of self-acoustophoretic particles collectively to a prescribed target
region. The method is based on combining a moving focused ultra-
sound beam with a synchronized time-dependent magnetic field. Our
method is harmless to patients and works even in complex environ-
ments like a patient’s vasculature, when the particles are distributed
throughout the body, and without information about the positions or
orientations of the particles. Furthermore, we present a particle design
that is particularly advantageous for applications.

*Funded by the Deutsche Forschungsgemeinschaft (DFG) - WI
4170/3-1

CPP 6.9 Mon 12:00 H20
Emergent biomechanics in growing bacterial colonies —
e ANUPAM SENGUPTA — Physics of Living Matter Group, Physics and
Materials Science Research Unit, University of Luxembourg

Bacterial colonies, known to mediate key ecological and industrial
processes, constitute a class of active matter within which geome-
try, order, and topology emerge spontaneously over the lifespan of a
colony. Although numerous studies have been carried out on growing
colonies, so far we have lacked a comprehensive biomechanical frame-
work that could capture the cell-to-colony dynamics and the conse-
quences thereof. In this talk I will present recent results [1] obtained by
combining micro-scale experiments, molecular dynamics simulations,
and continuous modeling, that capture the continuous evolution of
the geometry, order and topology in a growing colony of non-motile
strain of E.coli bacteria. We reveal how steric forces between neighbor-
ing cells (favoring cell alignment), compete with the extensile stresses
due to the cell growth (reducing the local order), leading to emergent
biomechanics within the growing colony: spontaneous hydrodynamic
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flows, anisotropy of internal stresses, and emergent motility due to
non-motile cells. The results indicate at activity-driven cell-cell com-
munications preceding biofilm formation, and can be extended beyond
bacterial communities, for instance, to study mammalian cells, many
of which exist as non-motile elongated phenotypes.

[1] Geometry and Mechanics of Microdomains in Growing Bacterial
Colonies: Z. You, D. Pearce, A. Sengupta*, and L. Giomi*, Phys. Rev.
X 8, 031065, 2018.

CPP 6.10 Mon 12:15 H20
Phase transitions in huddling emperor penguins
e ALEXANDER WINTERL!, SEBASTIAN RicHTER!2, RiIcHARD GERUM!,
BEeN FaBry!, and DANIEL PARANHOS ZITTERBART 2 — !Biophysics
Group, Friedrich-Alexander University, Erlangen, Germany
2 Applied Ocean Physics and Engineering, Woods Hole Oceanographic
Institution, Woods Hole, MA 02543, United States of America

Emperor penguins (Aptenodytes forsteri) breed under the harsh con-
ditions of the Antarctic winter. To save energy and survive for 120
days of fasting, they from tight huddles. Using time-lapse images of
an emperor penguin colony in Terre Adelie, we study huddle formation
in response to environmental conditions (temperature, humidity, solar
radiation, and wind speed). Huddle formation can be described as a
phase transition from a freely moving state to a solid-like state where
individual movements stall. We find a larger huddling probability with
decreasing temperature and solar radiation and with increasing wind
speed and humidity. These environmental factors can be lumped to an
apparent temperature that would result in the same huddling probabil-
ity in the absence of wind, humidity, and solar radiation, with weights
of 1°C/°C for temperature, 2.9°C/(m/s) for wind, 0.5°C/% for rel.
humidity, and 0.3°C/(W/m?2) for solar radiation. For the month of
May, we find a critical temperature of —48.2°C for a 50% huddling
probability. We expect this critical temperature to rise during fasting
as the animals consume their insulating fat layer, and propose that the
critical temperature can serve as an indicator for energy reserves and
thus colony health.

CPP 6.11 Mon 12:30 H20
Delayed feedback control of active particles: a controlled
journey towards the destination — SEYED MOHSEN JEBREIIL
Kuapem and eSABINE H. L. Krapp — Institut fiir Theoretische
Physik, Sekr. EW 7-1, Technische Universitdt Berlin, Hardenbergstr.
36, D-10623 Berlin.

We explore theoretically the navigation of an active particle based on
delayed feedback control. The delayed feedback enters in our expres-
sion for the particle orientation which, for an active particle, deter-
mines (up to noise) the direction of motion in the next time step.
Here we estimate the orientation by comparing the delayed position
of the particle with the actual one. This method does not require any
real-time monitoring of the particle orientation and may thus be rele-
vant also for controlling sub-micron sized particles, where the imaging
process is not easily feasible. We apply the delayed feedback strategy
to two experimentally relevant situations, namely, optical trapping and
photon nudging. To investigate the performance of our strategy, we
calculate the mean arrival time analytically (exploiting a small-delay
approximation) and by simulations.

References:

[1] S. M. J. Khadem and Sabine H. L. Klapp arXiv:1811.06849v2
(2018).
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CPP 7: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge | (joint
session O/TT/CPP/DS)

First-principles electronic structure calculations have become an indispensable tool in many research ar-
eas where materials surfaces or interfaces play a central role. Corresponding calculations provide insight
into catalytic mechanisms, interfacial ionic and charge transport in batteries or solar cells, materials
degradation through corrosion or wear, and many other highly relevant application areas. Despite this
prolific use, corresponding calculations face multiple issues. While the invited lectures will have a focus
on this interface challenge, the symposium will also cover the general field of computational materials

science and electronic-structure theory.

Organizers: Jens Negrskov (Technical University of Denmark), Karsten Reuter (Technical University
Munich), and Matthias Scheffler (Fritz Haber Institute of the Max Planck Society, Berlin)

Time: Monday 10:30-13:00

Topical Talk CPP 7.1 Mon 10:30 H9
Scaling relations and beyond for kinetic Monte Carlo mod-
els in heterogeneous catalysis — eMIE ANDERSEN — Theoretical
Chemistry, Technische Universitat Miinchen, Germany

Heterogeneous catalysis typically operates at the interface between a
gas or liquid and a solid catalytic material. In my talk, I will discuss
mean-field and kinetic Monte Carlo models for the operating catalyst.
These often rely on input data calculated using either first principles
or more approximate methods, e.g. scaling relations, which use only se-
lected adsorption energies as descriptors for the catalyst function [1,2].
I will also discuss recent work [3] where we used compressed sensing
methods to identify new low-cost and accurate descriptors that allow
to predict adsorption energies for a wide range of adsorbates, multi-
metallic transition metal surfaces and facets. The descriptors are ex-
pressed as non-linear functions of intrinsic properties of the clean cat-
alyst surface, e.g. coordination numbers and d-band moments. From a
single DFT calculation of these properties, we predict adsorption en-
ergies at all potential surface sites, and thereby also the most stable
geometry. Compared to previous approaches such as scaling relations,
we find our approach to be both more general and more accurate for
the prediction of adsorption energies on alloys with mixed-metal sur-
faces, already when based on training data including only pure metals.
[1] M. Andersen et al., Ang. Chem. Int. Ed. 55, 5210 (2016)

[2] M. Andersen et al., J. Chem. Phys. 147, 152705 (2017)

[3] M. Andersen et al., submitted

CPP 7.2 Mon 11:00 H9
The Teacher and the Student: Exchange-Correlation Energy
Densities from Quantum Chemistry and Machine-Learning
— oJoHANNES T. MARGRAF, CHRISTIAN KUNKEL, and KARSTEN
REUTER — Chair for Theoretical Chemistry, Technische Universitét
Miinchen, Germany

(Semi-)local density functional approximations (DFAs) are the
workhorse electronic structure methods in condensed matter theory
and surface science. Central to defining such DFAs is the exchange-
correlation energy density €ezc, a spatial function that yields the
exchange-correlation energy E.. upon integration.

Unlike Ec, €zc is not uniquely defined. Indeed, there are infinitely
many functions that integrate to the correct Ey. for a given electron
density p. The challenge for constructing a useful DFA is to find a
systematic connection between p and ez.. While several empirical and
rigorous approaches to this problem are known, there has been little
innovation with respect to the fundamental functional forms of DFAs
in recent years.

Herein, we discuss two less explored routes to constructing DFAs.
Specifically, a recipe for deriving €, directly from many-body wave-
functions is compared to a machine learning (ML) approach that infers
the optimal ¢, for a given functional form. We find that local DFAs
based on the many-body ez, are not transferrable between systems
because the underlying energy densities are inherently non-local. In
contrast, the ML €., is by construction as local as possible. The ex-
tension of both approaches to non-local DFAs will be discussed.

CPP 7.3 Mon 11:15 H9
Self-Interaction Corrected SCAN for Molecules and Solids:
All-Electron Implementation with Numerical Atom-Centered
Basis Functions — eSHENG Bi1, Icor YING ZHANG, CHRISTIAN
CarBoGNO, and MATTHIAS SCHEFFLER — Fritz-Haber-Institut der
Max-Planck-Gesellschaft, Berlin
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Electronic self-interaction is the most severe cause of inaccuracies
in all semilocal density-functional approximations (DFAs), includ-
ing the promising meta-GGA “strongly constrained and appropriately
normed” (SCAN) functional [1]. This error can be alleviated via
localized orbital scaling corrections [2] or via self-interaction correc-
tions (SIC) based on Fermi-orbitals [3]. In this contribution, we fol-
low the latter concept which involves solving a set of SIC constraints.
Here, we present an all-electron implementation of the self-consistent
SIC for semilocal DFAs, including SCAN. We first validate our imple-
mentation by inspecting certain properties (HOMO and dissociation
energies) for a molecular test set, showing that SIC improves SCAN
calculations. Furthermore, we compare the performance of SCAN-SIC
and SCANaq, i.e., SCAN with a fraction of exact exchange, in predict-
ing the broken symmetry in pentacene — note that standard semilocal
DFAs always favor symmetric solutions. Eventually, we discuss the
extension of our SIC approach to periodic solids.

[1] J. Sun et al., Phys. Rev. Lett. 115, 036402 (2015).

[2] N. Q. Su et al., Proc. Natl. Acad. Sci. 115, 9678 (2018).

[3] Z. Yan et al., Phys. Rev. A 95, 052505 (2017).

CPP 7.4 Mon 11:30 H9
Progress in Fermi-Léwdin orbital self-interaction correction
to DFT — eToRSTEN HAHN, SEBASTIAN SCHWALBE, and JENS Ko-
RTUS — Institute for Theoretical Physics, Freiberg, Germany

The accuracy of density functional theory (DFT) calculations is lim-
ited by the so called self-interaction error [1]. The recently proposed
Fermi-Lowdin orbital based method [2,3,4] for self-interaction correc-
tion (FLO-SIC) is a unitary invariant and size extensive approach to
overcome this error. We present the current state of the method and
discuss selected applications. In addition we discuss strategies to im-
prove the thermochemical and numerical performance of the FLO-SIC
approach in combination with state-of-the-art exchange-correlation
functionals.

[1] J. P. Perdew, A. Zunger, Phys. Rev. B 23, 5048 (1981)

[2] M. R. Pederson et al., J. Chem. Phys., vol. 140, 121103 (2014)

[3] M. R. Pederson, J. Chem. Phys., vol. 142, 064112 (2015)

[4] S. Schwalbe et al., J. Comp. Chem., vol. 39, 2463 (2018).

CPP 7.5 Mon 11:45 H9
Time evolution of the natural occupation numbers — ¢CARLOS
BENAVIDES-RIVEROS and MiIGUEL A. L. MARQUES — Martin-Luther
Universitdt Halle Wittenberg

Reduced density matrix functional theory (RDMFT) is based on the
Gilbert theorem, which asserts that the ground-state wave function
can be written as a functional of the one-body reduced density matrix.
Since RDMFT accounts for fractional natural occupation numbers, it
captures quite well static (strong) electron correlation (unlike DFT,
RDMFT correctly predicts the insulating behavior of Mott-type in-
sulators). Yet the time-dependent extension of RDMFT suffers from
various shortcomings. Chief among them, the current status of the
theory does not allow the fermionic occupation numbers to evolve in
time. It is known that this deficiency is connected to the failure of
RDMFT to account for relative phases at the level of the two-body re-
duced density matrix. Based on recent results on fermionic exchange
symmetry, we propose a new equation for the time evolution of the
fermionic occupation numbers.

CPP 7.6 Mon 12:00 H9

Nonempricial hybrid functionals constructed through ad-
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justable potential probes for band gap predictions of ex-
tended systems — eTnHomas BiscuHorr, Icor RESHETNYAK, and
ALFREDO PAsSQUARELLO — Chaire de Simulation a 1’Echelle Atom-
ique (CSEA), Ecole Polytechnique Fédérale de Lausanne (EPFL), 1015
Lausanne, Switzerland

We describe a nonempirical procedure for achieving accurate band gaps
of extended systems through the insertion of suitably defined potential
probes. By enforcing Koopmans’ condition on the resulting localized
electronic states, we determine the optimal fraction of Fock exchange
to be used in the adopted hybrid functional. As potential probes,
we consider native defects, the extrinsic hydrogen impurity, and vari-
ous adjustable potentials that allow us to vary the energy level of the
localized state in the band gap and its degree of localization. By mon-
itoring the delocalized screening charge, we achieve a measure of the
hybridization with the band states, which can be used to improve the
band gap estimate. Application of this methodology to AlP, C and
MgO yields band gaps differing by less than 0.2 eV from experiment.

CPP 7.7 Mon 12:15 H9
Quantum-mechanical relation between atomic dipole polariz-
ability and van der Waals radius — eDMITRY FEDOROV, MAINAK
SADHUKHAN, MARTIN STOHR, and ALEXANDRE TKATCHENKO — Uni-
versity of Luxembourg, Luxembourg, Luxembourg

The atomic dipole polarizability « and the van der Waals (vdW) radius
R,qw are two key quantities to describe the ubiquitous vdW forces
important for the structure and dynamics of molecules and materials
[1]. The commonly assumed relation between them, R,qw o al/3) s
based on a classical picture of hard-sphere atoms. Employing the quan-
tum Drude oscillator model [2], we reveal [3| the quantum-mechanical
relation Ryqw = const. X a!/7 which is markedly different from its
classical counterpart. Based on the accessible accurate reference data
for o and Ryqw, we demonstrate that the obtained formula can be
used as a unified definition of the vdW radius solely in terms of the
atomic polarizability for all chemical elements. Moreover, for vdW-
bonded heteronuclear dimers consisting of atoms A and B, the simple
combination rule & = (a4 +ap)/2 provides a remarkably accurate way
to calculate their equilibrium interatomic distance. These findings un-
veil a fundamental relationship between the geometric and electronic
properties of atoms. From a practical point of view, they allow us
to reduce the empiricism and improve the efficiency of computational
models for vdW interactions.

[1] Hermann et al., Chem. Rev. 117, 4714 (2017)

[2] Jones et al., Phys. Rev. B 87, 144103 (2013)

[3] Fedorov et al., Phys. Rev. Lett. 121, 183401 (2018)

CPP 7.8 Mon 12:30 H9
impact of continuum electronic states on van der Waals dis-
persion interactions — eMoHAaAMMAD REzA KARIMPOUR, DMITRY
Feporov, and ALEXANDRE TKATCHENKO — University of Luxem-

CPP 8: Interfaces and Thin
Time: Monday 15:00-17:15

CPP 8.1 Mon 15:00 H14
In situ GISAXS Investigations of Multi-responsive Block
Copolymer Thin Films during Solvent Vapor Anneal-
ing — eFLoriAN Junc!, Panaviota A. PanTELI?, DETLEF-M.
SmiLcies?, DorTHE PossELT?, CONSTANTINOS TSITSILIANIS®, COSTAS
S. Parrickios?, and CHRISTINE M. Papapakis! — !Physics Depart-
ment, Soft Matter Group, Technical University of Munich, Garch-
ing, Germany — 2Department of Chemistry, University of Cyprus,
Nicosia, Cyprus — 3Wilson Laboratory, Cornell University, Ithaca,
USA — “Department of Science and Environment, Roskilde Univer-
sity, Roskilde, Denmark — 5Department of Chemical Engineering,
University of Patras, Patras, Greece

In the present work, we investigate the structure of a pH and tem-
perature responsive, CBABC type pentablock terpolymer in thin films
during solvent vapor annealing (SVA) using grazing-incidence small-
angle X-ray scattering. The C end blocks are statistical copolymers
of the hydrophobic n-BuMA and the thermoresponsive TEGMA, the
B blocks are the weak cationic polyelectrolyte PDMAEMA and the
A block is the hydrophilic PEG. Films were prepared by spin coating
from aqueous solutions of different pH values. SVA experiments were

bourg, Luxembourg, Luxembourg

The ubiquitous van der Waals (vdW) forces play an important role for
structure, stability, and dynamics of molecules and materials. Their
description on atomistic level is important for molecular physics, crys-
tal chemistry, surface science, structural biology, and pharmacy. To
this end, the development of simple yet efficient models is of high im-
portance. Normally, such models focus only on fluctuations to bound
electron states, described via quantum harmonic oscillator potentials.
However, the polarizability of real atomic and molecular systems has
important contributions also from fluctuations to continuum states.
To study their influence on the vdW dispersion interactions from a
general point of view, here we consider models based on the Dirac
delta-function potentials. In one-dimensional case, such a potential
provides just one bound state whereas all excited states belong to the
continuum electron spectrum. We apply both the atomistic method
and the scattering picture representing the van der Waals and Casimir
approaches for dispersion interactions, respectively. In the atomistic
framework we compare our results to the ones of the quantum oscillator
models. Within the other picture, we discuss an obtained new scaling
law in comparison to the results known for excited atomic systems.
[1] Woods et al., Rev. Mod. Phys. 88, 045003 (2016)
[2] Hermann et al., Chem. Rev. 117, 4714 (2017)

CPP 7.9 Mon 12:45 H9
Relation between the van der Waals radius and higher-order
atomic polarizabilities — e€ORNELLA VAcCCARELLI, DMITRY FE-
DOROV, and ALEXANDRE TKATCHENKO — University of Luxembourg,
Luxembourg, Luxembourg

The atomic polarizabilities and van der Waals (vdW) radii describe
the electronic and geometric aspects of the ubiquitous vdW interac-
tions [1, 2], respectively. Normally, these quantities are assumed to
be independent. Therefore, they are determined separately from each
other. Based on the quantum Drude oscillator model [3], recently we
revealed [4] a remarkable direct relationship between the vdW radius
and the dipole polarizability. This provides a unified determination of
the vdW radius for all chemical elements solely in terms of their dipole
polarizabilities. In addition, further relations between the vdW radius
Ryaw and higher-order atomic polarizabilities an, (n = 1,2, ...) were
found empirically. Here, we present a physical background for these
results. The derivation of the corresponding scaling laws is performed
by going beyond the dipole approximation for the Coulomb interaction
to obtain higher-order contributions to attractive and repulsive forces
acting on atoms in a vd W-bonded homonuclear dimer. We focus on the
derivation of the proportionality constants C), in the general relation
Ryaw(an) = Cn ai/7<"+1) unveiling their quantum nature.

[1] Woods et al., Rev. Mod. Phys. 88, 045003 (2016)

[2] Hermann et al., Chem. Rev. 117, 4714 (2017)

[3] Jones et al., Phys. Rev. B 87, 144103 (2013)

[4] Fedorov et al., Phys. Rev. Lett. 121, 183401 (2018)
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carried out using both water and toluene as solvents. Films prepared
at low pH feature a spherical morphology, and swell strongly in water,
but only weakly in toluene vapor. At high pH, no structural features
are observed, indicating the importance of ionization for microphase
separation. During swelling in toluene, a morphology of small spheres
is observed in the swollen state, while water has no noticeable effect.

CPP 8.2 Mon 15:15 H14
Competition of structural and electrostatic forces in col-
loidal dispersions confined between of two charged surfaces
— eMicHAEL LubpwiGg and REGINE voN KLiTzZING — Soft Matter at
Interfaces, Department of Physics, Technische Universitat Darmstadt

Structural forces can be observed when pure solvents and ionic liquids,
as well as dispersions containing nanoparticles, micelles, polymers or
polyelectrolytes are confined between two smooth surfaces into a thin
liquid film. Upon surface-approach, liquid matter has to be depleted
from the vicinity of the surfaces, altering the interactions between the
surfaces.

The present study addresses structural forces across thin films of sus-
pensions of nanoparticles (NP) confined between two charged surfaces
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measured with a colloidal-probe atomic force microscope (CP-AFM).
Special attention is drawn to the transition from diluted to concen-
trated NP-packing and to the effect of the outer surface charge. An
extended fitting procedure was introduced to accurately fit experimen-
tal data. The need of an additional repulsive contribution to the fitting
formula will be discussed in terms of the DLVO-framework.

CPP 8.3 Mon 15:30 H14
Growth Kinetics and Molecular Mobility of Irreversibly
Adsorbed Layers in Thin Films of P2VP and PVME —
oMARCEL GAWEK, SHERIF MADKOUR, ANDREAS HERTwIG, and AN-
DREAS SCHONHALS — Bundesanstalt fiir Materialforschung und -
priifung, Unter den Eichen 87, 12205 Berlin

In well-annealed thin polymer films, with non-repulsive poly-
mer/substrate interactions, an irreversibly adsorbed layer is formed.
These adsorbed layers have shown enormous potential for technological
applications. Due to the hard accessibility of these layers, their growth
kinetics and molecular dynamics are still not fully understood. Here,
the irreversibly adsorbed layers of Poly(2-vinylpyridine) (P2VP) and
Poly(vinyl methyl ether) (PVME) thin films are revealed by solvent-
leaching experiments. The growth kinetics of these layers is investi-
gated as a function of original film thickness and annealing times. The
thickness, topography and quality of the adsorbed layer is determined
with Atomic Force Microscopy (AFM) and spectroscopic ellipsometry.
Additionally, the molecular mobility of the adsorbed layer is investi-
gated with Broadband Dielectric Spectroscopy (BDS). A recently de-
veloped nanostructured capacitor (NSC) is employed to measure the
adsorbed layers with a free surface layer depending on annealing and
solvent-leaching time. The results are quantitatively compared and
discussed with respect to recently published work.

CPP 8.4 Mon 15:45 H14
Enhanced protein adsorption near a phase transition —
eMAaDELEINE R. Fries!, DanieL SToppER!, FAJUN ZHANG!, ROBERT
M. J. Jacoss?, MaxmmiLiaN W. A. Skopa®, RorLanp Rotu!,
and FrRaNK ScHREIBER! — !University of Tiibingen, Germany —
2University of Oxford, UK — 3ISIS Facility, Didcot, UK

Protein adsorption at the solid-liquid interface is an important phe-
nomenon that often can be observed as a first step in biomedicine. In
particular, globular proteins tuned by multivalent ions give rise to a
rich phase behavior including reentrant condensation and liquid-liquid
phase separation (LLPS) through ion-bridges connecting individual
proteins [1, 2]. Multivalent ions can be used not only to modify the
bulk behaviour, but also the adsorption behaviour of proteins at the
solid-liquid interface [3]. Here, we demonstrate experimentally that
protein adsorption at attractive substrates can be enhanced signifi-
cantly by approaching the LLPS regime through an increase in tem-
perature or protein concentration, pointing towards the ability to con-
trol protein adsorption by means of suitably tailoring thermodynamic
conditions. This is supported by theoretical calculations treating pro-
teins as limited-valence (patchy) particles. These results could enable
better biocompatibility in implants through guided protein-substrate
interactions. [1] Zhang et al, PRL (2008); [2] Roosen-Runge et al, Sci.
Rep. (2014); [3] Fries et al, PRL (2017)

15 min. break

CPP 85 Mon 16:15 H14
Templated electrodeposition of nanoscale semiconductors
— L1 SHaol, AnprRew HEecTor!, PHiLiP BarTLETT!, FRANCIS
SWEENEYZ2, SAMANTHA SoULE!, RicHARD BEANLAND2, and GILLES
MogeHL! — 1Chemistry, Southampton University, University Rd,
SO17 1BJ, United Kingdom — 2?Department of Physics, University

of Warwick, Coventry CV4 7AL

The Advanced Devices by ElectroPlaTing (ADEPT) project, an inter-
disciplinary research project funded by the EPSRC (EP/N035437/1),
aims to develop new techniques and materials for thermoelectric de-
vices, infrared detection, and phase change memory, by using elec-
trodeposition methods. In previous work, Sn nanowires were deposited
into mesoporous silica templates with pores of 1.5nm diameter.1 In
this work, well-ordered mesoporous silica films with 3D pore struc-
tures were prepared by the evaporation-induced self-assembly (EISA)
method. Using these silica films as templates, tellurium was deposited
into the 3D pores. Grazing incidence small-angle X-ray scattering
(GISAXS), scanning electron microscopy (SEM) and transmission elec-

19

tron microscopy (TEM) were used to characterize film nanostructures
before and after electrodeposition. Programmes based on the distorted
wave Born approximation (DWBA) were used for analysis and simu-
lation of the 2D diffraction patterns from GISAXS. The patterns show
that silica films with different structures including cubic, hexagonal
and orthorhombic were synthesized. 1.*Philip N. Bartlett et al, Nano
Lett. 2018, 18, 941*947. Type: Talk Topic: Thin films division Email:
L.Shao@soton.ac.uk

CPP 8.6 Mon 16:30 H14
In-situ GISAXS during sputter deposition of metal nanolay-
ers on functional polymer thin films for lithium-ion bat-
teries — oSmmoN J. ScHAPER!, VoLkER KORSTGENs!, MATTHIAS
ScHWARTZKOPFZ, PALLAVI PANDIT?, ALEXANDER Hinz®, OLEKSANDR
Poronsky13, THomas STRUNskUs®, FrRanz FAaupeL3, STEPHAN V.
Rotn%, and PETER MULLER-BUscuBauM! — 1TU Miinchen, Physik-
Department, LS Funktionelle Materialien, 85748 Garching — 2DESY,
22607 Hamburg — 3CAU zu Kiel, Institut fiir Materialwissenschaft,
LS Materialverbunde, 24143 Kiel — *KTH, Department of Fibre and
Polymer Technology, SE-100 44 Stockholm, Sweden

Understanding the interface between metals, commonly used as cur-
rent collectors, and ion-conducting polymers used in polymer lithium-
ion batteries (LIBs) is crucial to develop highly reproducible, low-cost
and reliable devices. To address these issues, sputter deposition is the
technique of choice to fabricate scalable, reproducible and controllable
nanometer and sub-nanometer metal layers on polymer thin films. The
sputter deposition process, being well understood and controlled, offers
advantages over chemical methods to tailor metal thin-flim morpholo-
gies on the nanoscale and offers a superior adhesion of the deposited
material. We use in-situ grazing incidence small angle X-ray scatter-
ing (GISAXS) to investigate the formation, growth and, self-assembled
structuring on polymer thin films and composites used in LIBs. Differ-
ent polymer films are compared with respect to the metal layer growth.

CPP 8.7 Mon 16:45 H14
Using GISAXS to reveal spatial correlations in the electro-
chemical nucleation of gold particles — eGiLLEs MoOEHL, PHILIP
BARTLETT, and ANDREW HECTOR — Chemistry, Southampton Uni-
versity, University Rd, SO17 1BJ, United Kingdom

Gilles E. Moehl, Philip N. Bartlett and Andrew L. Hector Chemistry,
University of Southampton, Southampton, SO17 1BJ, UK. Develop-
ing the next generation of electronic devices requires the deposition
of high-quality functional materials in a controlled fashion in com-
plex structures in order to unleash the true potential of devices such
as thermoelectrics, phase change memory (PCM) and infra-red detec-
tors. Within EPSRC programme grant ADEPT *Advanced Devices
by ElectroPlaTing* (EP/N035437/1), new techniques and materials
are to be developed for that matter. Electrochemical nucleation was
generally described theoretically many years ago as a random pro-
cess, which mainly depends on the deposition rate applied through
the set current or potential, resulting in either instantaneous or pro-
gressive nucleation. Further development of theory and experiments
has shown that the underlying process is just random, but that every
newborn nucleus has the potential to influence the evolution of further
nucleation steps. In this work, we show how grazing incidence small
angle scattering can reveal spatial correlations in seemingly randomly
arranged gold particles from electrolytic metal deposition.

CPP 8.8 Mon 17:00 H14
An Extended Transfer Matrix Approach to Calculate the
Scattering of Light in an Interface Profile — e REINHARD SIGEL
— 83301 Traunreut

The transfer matrix method is a reliable work horse for the calcula-
tion of the reflection at an interface profile. In this contribution, the
approach is extended by additional fluctuations Ae of the relative per-
mittivity € within the profile, which cause light scattering. For small
amplitudes, such fluctuations can be treated within the first Born ap-
proximation. The incident light as well as the exit of the scattered
light through the layered profile are handled by the transfer matrix
method. Based on a model which yields the interface profile and the
fluctuation amplitudes, the intensity and the polarization properties
of the light scattered in any solid angle are predicted. Applications to
grazing incidence small angle X-ray scattering (GISAXS), evanescent
wave dynamic light scattering (EWDLS) and scattering ellipsometry
are discussed.
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CPP 9: Organic Electronics and Photovoltaics | - Charge Transport and Electronic Devices

Time: Monday 15:00-17:15

Invited Talk CPP 9.1 Mon 15:00 H18
Bulk Amounts of (6,5) Carbon Nanotubes for (Opto)- Elec-
tronic Devices — oJANA ZAUMSEIL — Ruprecht-Karls-Universitat
Heidelberg, Heidelberg, Germany

Large volumes of highly purified dispersions of semiconducting (6,5)
single-walled carbon nanotubes are readily available through polymer-
wrapping and shear-force mixing. They enable the deposition (e.g.
by aerosol jet printing) of semiconducting nanotube layers of variable
thickness from sparse networks to 300 nm thick films with large opti-
cal density. These layers can be applied in lateral and vertical field-
effect transistors with excellent device performance, but also as elec-
trochromic filters, for organic light-emitting diodes in the near-infrared
and photovoltaic cells. Here, we present examples of such applications
and investigate the impact of novel n-dopants on nanotube networks,
temperature-dependent charge transport and their optical properties
at different charge carrier densities.

CPP 9.2 Mon 15:30 HI18
The impact of energy barriers at grain boundaries on charge
carrier motion in a high-mobility, electron-conductive organic
semiconductor — ILja Vviapmmirov!, MicHAEL KUuN!, THOMAS
GEssNER!, FaLk May!, and eTnoMmas Wertz2 — !BASF SE, Lud-
wigshafen, Germany — 2AG Physics of Nanosystems, Faculty of
Physics, LMU Miinchen, Germany

Using high-surface tension solvents allowed us to grow 3 * 10 nm
thin, highly-crystalline films of a N,N*-di((S)-1-methylpentyl)-1,7(6)-
dicyano-perylene-3,4:9,10-bis(dicarboximide) (PDIIMPCN2) at the
liquid/air interface of a drying droplet [1]. We find, that charge carrier
mobilities in these electron conductive films is as high as 4 cm* /Vs even
for an only 3 nm thin PDIIMPCN2 film. Changing the solvent com-
position used for crystallization of our organic semiconductor also has
allowed us to systematically tune the crystallinity and consequently the
grain boundary density in thin films. From the temperature-dependent
charge carrier mobility, we have extracted the density of states and
compared it to Kinetic Monte Carlo simulations [2]. This combined
theoretical and experimental approach has allowed us to identify, that
it is rather the energetic barriers at grain boundaries than the usually
identified traps that limit charge carrier motion. We also have revealed
that the dipole moment of the PDIIMPCN2 is the cause for the ener-
getic disorder at grain boundaries serving as clear guideline for future
design of organic semiconductors with potentially no energetic barriers
present at the grain boundaries. [1] Nano Lett. 18, 9, (2018) [2] Sci.
Rep. 8, 14868, (2018)

CPP 9.3 Mon 15:45 HI18
Electronic couplings in molecular crystals: Tight-Binding fits
vs. cluster-based approaches — eFLORIAN MAYER, CHRISTIAN
WINKLER, and EGBERT ZoJER — Institute of Solid State Physics,
NAWI Graz, Graz University of Technology, Petersgasse 16, 8010 Graz,
Austria

The ever-growing interest in electronic properties of new materials
triggers the development of new methodologies for their reliable de-
scription. For modelling charge-transport properties, theories span
the full range from band transport via dynamic-disorder models to
hopping approaches. For all these methods the electronic coupling
between neighboring molecules is a crucial input. This quantity can
be calculated with various approaches most of them relying on sim-
ulations of molecular dimers and small clusters. In contrast, the fit-
ting of extended Tight-Binding models to full band structures allow
the evaluation of intermolecular coupling, treating the molecules in
their actual crystalline environments. In the present contribution, for
the prototypical examples of pentacene and quinacridone, applying
the above-mentioned complementary approaches, we discuss issues like
next-nearest neighbor coupling, interference between different coupling
directions for coherent transport, and how to deal with off-Gamma
point band extrema. For non-periodic calculations we also present a
new variant of the fragment orbital and electronic splitting method.
The obtained results provide insight into the strengths and limitations
of the various approaches and help to better understand electronic
coupling in organic semiconductors.

15 min. break
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CPP 9.4 Mon 16:15 HI18
Finding the right building blocks for molecular optimization
- Mining a database of organic semiconductors — e CHRISTIAN
KuNKEL, CHRISTOPH SCHOBER, JOHANNES T. MARGRAF, KARSTEN
REUTER, and HARALD OBERHOFER — Chair for Theoretical Chem-
istry, Technical University Munich

Improving charge carrier mobilities of organic semiconductors is usu-
ally tackled by empirical structural tuning of a promising compound.
Knowledge-based methods can greatly accelerate such local explo-
ration by providing an overview of the problem-specific design space.
Here, we provide such an overview for organic semiconductors, ap-
plying data mining strategies to an in-house database of >64.000 or-
ganic molecular crystals, annotated with charge-transport descriptors
(electronic coupling and the reorganization energy) that are calcu-
lated from first principles. This database-screening recovers many
known and well-performing materials, while also uncovering many
more promising candidates, not yet considered for organic electronics
applications. Analysing the design space regions in this dataset by a
chemical space network hints at already explored or promising regions.
We further derive general design principles by evaluating the perfor-
mance of molecular scaffold and sidegroup clusters of compounds. For
these, we find certain scaffolds (sidegroups) to consistently improve
charge-transport properties. Functionalizing promising scaffolds with
favorable sidegroups then results in molecular crystals with improved
charge-transport properties, highlighting the usefulness of data-based
approaches for a targeted design of organic electronics materials.

CPP 9.5 Mon 16:30 H18
Calculating electron - phonon coupling with density func-
tional theory to describe polaron dynamics — eOLIVER
STAUFFERT!, RomaN Krems?, Mona BEerciv?, and MICHAEL
WarTer! — 1Physikalisches Institut, Universitéit Freiburg, Hermann-
Herder-Str. 3, D-79104 Freiburg, Germany — 2University of British
Columbia Faculty of Science

In order to investigate on novel materials, we describe electronic struc-
tures for organic molecules, with density functional theory (DFT).
Hereby we are especially interested in couplinging of electronic and nu-
clear degrees of freedom to investigate polaron phenomena. These have
been proposed based on the Su-Schrieffer-Heeger (SSH) Hamiltonion
and might lead to superconducting states. We use DF'T calculations to
obtain the SSH pa- rameters of polyacetylene and its derivatives in or-
der to explore a set of possible materials with strong electron-phonon
coupling. Our results predict an increase of the coupling parameter
through stretching of the chain or by substitution of the hydrogens
by other side groups. With the new insight gained in the electron
phonon coupling within these simple chains, one might improve the
understanding of polarons in more complex materials and take a step
towards the direction of high temperature superconductors.

CPP 9.6 Mon 16:45 HI18
Why are charge-carrier mobilities in organic semiconduc-
tors typically low? The instructive case of quinacridone —
o CHRISTIAN WINKLER, FLORIAN MAYER, OLIVER T. HOFMANN, GER-
NoT J. KRABERGER, and EGBERT ZoJER — Institute of Solid State
Physics, NAWI Graz, Graz University of Technology, Petersgasse 16,
8010 Graz

In this contribution, using first principles approaches, we study the in-
terplay between transport relevant parameters, total energy, and crys-
tal structure by using the instructive example of quinacridone. For
this material, one finds three polymorphs with fundamentally different
packing motifs. Additionally, based on the a-polymorph, an artificial
coplanar quinacridone crystal can be constructed. The latter allows
correlating electronic properties like transfer integrals t and effective
masses m* with the total energy of the crystal. This yields a clear
correlation between energetic minima and poor transport parameters
suggesting that in m-stacked systems Pauli-exchange repulsion triggers
a shift between neighboring molecules such that the inter-molecular
electronic coupling is minimized. Possible strategies for overcoming
this negative correlation can be derived from the properties of 3- and
y-quinacridone, where larger transfer integrals result from modified
van der Waals interactions and complex H-bonding networks.
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CPP 9.7 Mon 17:00 HI18
Hopping-approach in organic semiconductors: mode-resolved
vibrations and improved time-consistency — eSEBASTIAN
HutscH and FrRank OrRTMANN — Center for Advancing Electronics
Dresden, Technische Universitét Dresden, Germany

The charge carrier mobilities of different organic semiconductor sys-
tems can span several orders of magnitude, making the precise de-
scription of different transport regimes necessary. When a localization
of the charge carrier is expected, e.g. due to a strong electron-phonon

coupling, the transport is assumed to be hopping-like. This regime
is usually treated within the Marcus theory or Levich-Jortner theory,
which however approximate the rich vibrational spectrum of organic
semiconductors, for example in the high-temperature limit. We are
presenting a hopping-approach that overcomes these limitations by
treating the intramolecular modes in a mode-resolved fashion. This
refined approach further allows to individually treat each mode stati-
cally or dynamically in the calculation of the hopping-rate, i.e. ensure
the time-consistency in the treatment of the vibrations.

CPP 10: Crystallization, Nucleation and Self-assembly |

Time: Monday 15:00-17:30

CPP 10.1 Mon 15:00 H13
The Underestimated Effect of Intracrystalline Chain Dynam-
ics on the Morphology and Stability of Semicrystalline Poly-
mers — eMARTHA ScHULZ, ANNE SEIDLITZ, RicArDO KURz, RuTH
BARENWALD, ALBRECHT PETZOLD, KAY SAALWACHTER, and THOMAS
THURN-ALBRECHT — Martin-Luther-Universitdt Halle-Wittenberg

Some polymers show translational motion of the chains in crystallites
- the ac-relaxation. Although it was recognized early by BOYD that
ac-mobile polymers have a higher crystallinity than crystal-fixed poly-
mers, the relaxation process has been ignored in most crystallization
models. We show that the ac.-relaxation has a strong influence on
the crystallization process, changing morphology and stability of the
semicrystalline structure. Using SAXS, we compare structural charac-
teristics for PEO (a. -mobile) and PCL (crystal-fixed) after isothermal
crystallization and during heating. With NMR we can estimate the
timescale of the ac-relaxation depending on 7T.. A direct compari-
son points out fundamental differences: PCL shows marginally stable
lamellae with a narrow thickness distribution, starting to reorganize
for T > T.. In contrast, PEO shows a well-defined, narrowly dis-
tributed amorphous thickness da and a broad thickness distribution of
the lamellae. For T" > T, the lamellae are stable over a wide range.
We hypothesize that due to the ac.-relaxation, the lamellae thicken di-
rectly behind the growth front up to a minimal da. This is supported
by NMR-results: At high T, the a.-relaxation is fast enough to enable
crystal reorganization to take place in a narrow zone directly behind
the growth front.
Schulz, M.; Macromolecules 51, 8377 (2018)

CPP 10.2 Mon 15:15 HI13

Combining Infrared Micro-Spectroscopy and Fast Scan-
ning Chip Calorimetry to unravel homogeneous nucleation
and crystallization in poly(amide-6-6) — WiLneLm Kossack?!,
EVGENY ZHURAVLEVZ, RUSTEM ANDRIANOVS, CHRISTOPH SCHICK?Z3,
and eFriEprICcH KREMER! — 1University Leipzig, molecular physics,
Linnestr. 5, Leipzig, Germany — 2Institute of Physics and Compe-
tence Centre CALORP, University of Rostock, Albert-Einstein-Str.
23-24, 18051 Rostock, Germany — 3Institute of Chemistry, Kazan
Federal University, 18 Kremlyovskaya Street, Kazan 420008, Russian
Federation

A combination of Infrared micro-spectroscopy and Fast Scanning
calorimetry is used for a simultaneous measurement of moiety spe-
cific IR-absorption and heat capacity in the super-cooled amorphous
melt of poly(amide-6-6). The temporal evolution of both quantities
is recorded depending on temperature and time to unravel the micro-
scopic, moiety-specific mechanism of homogeneous nucleation. The IR
results reveal a continuous increase of bands related to the crystalline
phase on expense of the amorphous phase. In agreement with classi-
cal nucleation theory, first experiments do not reveal a moiety-specific
interaction during homogeneous nucleation. Furthermore both, IR-
signature and calorimetric crystallinity and nuclei densities follow simi-
lar kinetics. In summary, no evidence is found that homogeneous nuclei
and early crystals differ qualitatively on the level of a unit cell from
well grown lamellae. Based on these experiments an experimentally
based estimate of the size of homogeneous nuclei is possible.

CPP 10.3 Mon 15:30 H13
Visualization of Polymer Crystallization by a Combination of
Atomic Force Microscopy and Fast Scanning Calorimetry —
eRu1 Znanc!2, EvgENy ZHURAVLEV!2) and CHRISTOPH ScHICK 23
— lInstitute of Physics, University of Rostock, Albert-Einstein-Str.
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23-24, 18051 Rostock, Germany — 2Competence Centre CALOR,
Faculty of Interdisciplinary Research, University of Rostock, Albert-
Einstein-Str. 25, 18051 Rostock, Germany — 3Kazan Federal Univer-
sity, 18 Kremlyovskaya street, Kazan 420008, Russian Federation

Atomic force microscopy (AFM) can show the morphology of the crys-
tal structures of semi-crystallized polymers with resolution from mi-
crometers to nanometers scales. Meanwhile, fast scanning calorime-
try (FSC) can treat the polymer sample heating and cooling until
1,000,000 K/s, which enables to achieve expected annealing temper-
ature without re-crystallization processes. By combining with AFM
and FSC (AFM-FSC), the scanner of AFM plays as the chip-sensor
holder and enables the FSC to be directly measured on the AFM with-
out changes of the sensor. By this way, the polymer sample can be
annealed at expected temperature and time and these formed crystals
structures can be accessed to AFM after fast cooling to environmental
temperature. Some results will be reported in presentation.

CPP 10.4 Mon 15:45 H13
Visualization of Dynamic Processes with Video-Rate Atomic
Force Microscopy — eTED Limpoco, MaRrio Viani, and MARTA
Kocun — Asylum Research, an Oxford Instruments company, 6310
Hollister Ave, Goleta, U.S.A.

Atomic Force Microscopy (AFM) is a unique and powerful tool for mea-
suring structural, mechanical, and electrical properties of materials at
the nanometer scale. A limitation of conventional AFM is that it is a
slow technique, with image acquisition times on the order of minutes.
The recent introduction of a practical video-rate AFM has improved
imaging speeds and makes it now possible to capture movies with a
temporal resolution better than a second. This presentation will cover
some recent results taken via video-rate AFM, including the real-time
self-assembly of collagen into fibrils and the migration of surfactant mi-
celles on graphite. Additionally, we will discuss related results such as
the melting /re-crystallization of polymers and consider future research
opportunities that might be enabled by this technology.

15 min. break

CPP 10.5 Mon 16:15 H13
Polymorphism and crystal stability of syndiotactic
polystyrene from multiscale simulations — eCuHaN Liu, Kurr
KREMER, and TRISTAN BEREAU — Max Planck Institute for Polymer
Research, Ackermannweg 10, 55128 Mainz, Germany

Syndiotactic polystyrene (sPS) exhibits complex polymorphic behavior
upon crystallization. Computational modeling of polymer crystalliza-
tion has remained a challenging task because the relevant processes
are slow on the molecular time scale. In previous work, we have found
that our coarse-grained (CG) model of sPS significantly speed up the
simulations, while stabilizing the main polymorphs « and 3, observed
experimentally. However, to study the stability of polymorphs, we re-
quire reasonably larger system and more advanced enhanced-sampling
methods, such as Metadynamics. Furthermore, we rely on Markov
state models to gain insight into the kinetics of interconversion be-
tween polymorphs and to verify the convergence of Metadynamics.

CPP 10.6 Mon 16:30 H13
Thermodynamic Principles of Prefreezing as a First-Order
Transition — eOLEKSANDR DoOLYNCHUK, MuHAMMAD TARIQ, and
TroMAs THURN-ALBRECHT — Experimental Polymer Physics, Insti-
tute of Physics, Martin Luther University Halle-Wittenberg, Germany

Crystallization of liquids on a solid surface can be initiated by either



Regensburg 2019 — CPP

Monday

heterogeneous nucleation or prefreezing. The latter phenomenon is
the crystalline layer formation at an interface to a solid substrate at
a temperature higher than that of a bulk crystal. As it was recently
determined, prefreezing is a first-order transition, since the formation
of the crystalline phase is abrupt and reversible.

Here, we present a phenomenological theory of prefreezing and analyze
such equilibrium properties as the temperature dependent thickness of
the prefrozen layer, the maximum temperature range of prefreezing
Tmaz, and the mesoscopic jump of thickness during crystallization or
melting. The theory provides a clear first-principles explanation of the
first-order nature of prefreezing and defines the corresponding transi-
tion temperature Ty a2 as a function of the interfacial free energies.
As shown, it is the difference of the interfacial energies that controls
Timaz and serves as a driving force for prefreezing. The theoretical
outcomes are applied to quantify the recent experimental results for
poly(e-caprolactone) crystallized on graphite via prefreezing.

CPP 10.7 Mon 16:45 H13
Small polyethylene systems: aggregation and low tempere-
ture configurations — eTiMUR SHAKIROV and WoOLFGANG PauL —
Institute of Physics, University of Halle, Halle, Germany

The phase behavior of dilute solutions of polyethylene chains has been
under investigation for many decades. But investigation of the equilib-
rium structures of single alkane chains and their aggregation have been
addressed in far less detail. We present here results of a Wang-Landau-
type Monte Carlo simulation [1,2], which give a possibility to analyze
thermodynamic equilibrium properties of a system. Owur simulation
study of short polyethylene chains is based on a chemically realistic
united atom model [3]. Simulation results for deep-energy (or equiv-
alently low temperature) states demonstrate a set of various ground-
state configurations: from stretched configurations of short chains to
a helix-like structures reeled round one of the chains. Aggregates of a
few chains demonstrate complex temperature behavior having disor-
dered and ordered phases even for aggregates composed of a couple of
chains. Corresponding low-energy configurations differ form configura-
tions of single chains having the same number of monomers. However,
with increasing chain length, single chain and aggregate morphologies
become more similar.

[1] F. Liang, C. Liu, R. J Carroll, J. Am. Stat. Assoc. 2007, 102,
305-320.

[2] T. Shakirov, Comp. Phys. Commun. 228 (2018): 38-43.

[3] W. Paul, D. Y. Yoon, and G. D. Smith, J. Chem. Phys. 103
(1995) 1702-1709.

CPP 10.8 Mon 17:00 H13

Interactions Determine Self-
Nanorods ®SAIKAT

Steric
assembly

and Hydrophobic
of  Supramolecular

CHAKRABORTY!, CHRISTIAN BERAC?, PoL BESENIUS?, and THOMAS
Speck! — lInstitut fiir Physik, Johannes Gutenberg-Universitit
Mainz, Staudingerweg 7-9, 55128 Mainz, Germany. — 2Institut fiir
Organische Chemie, Johannes Gutenberg-Universitdt Mainz, Dues-
bergweg 10-14, 55128 Mainz, Germany.

C's-symmetric amphiphilic peptides have been successfully applied for
the construction of supramolecular aggregates of defined size and
shape. These compounds typically contain a hydrophobic core and
three amphiphilic arms. In water, due to combined effects of hydr-
phobic interactions, hydrogen bonding and shielding effects of flexible
hydrophilic chains, the monomers stack over one another to form one-
dimensional nanorods. We present a minimal model for efficient sim-
ulations of such unidirectional self-assembly without the requirement
of an explicit solvent. Composites of the monomers interact among
themselves via simple pair potentials to invoke hydrophobic and steric
effects. We show that these factors are sufficient to obtain self-assembly
of the monomers into elongated, defect-free, rod-like structures from
highly dilute, disordered initial state. This assembly kinetics have been
linked to the microscopic processes governing the polymerization. The
understanding thus obtained, has been used to draw comparison with
the experiments. Further, study of the morphology of the nanorods re-
veals that beyond a threshold value of hydrophobic interactions among
these achiral building blocks, there is a transition to helical structure.

CPP 10.9 Mon 17:15 H13
Fabrication of polymeric Janus nanoparticles and their be-
havior at liquid-liquid interfaces - a simulation study —
eTaTiANA MoRrozova and ARASH NIKOUBASHMAN Johannes
Gutenberg University, Mainz,Germany

Polymeric nanoparticles (NPs) are promising candidates for a wide
range of applications such as colloidal self-assembly and targeted ther-
apeutics. Flash Nanoprecipitation (FNP) is a scalable technique for
fabricating monodisperse polymeric NPs through rapid micromixing
of a polymer solution with a miscible poor solvent. In this simulation
work, we are studying the fabrication of Janus NPs with one solvophilic
and one solvophobic hemisphere, and their behavior at liquid-liquid in-
terfaces. We performed coarse-grained molecular dynamics simulations
of the FNP process using two types of solvophobic homopolymers and
one type of amphiphilic blockcopolymers (BCPs). We systematically
investigated the influence of the composition and concentration of the
BCPs on the resulting NP morphology. We determined the parameter
space where amphiphilic Janus or core-shell NPs can be formed, and
studied the conformation of BCPs at the NPs surface. Finally, in or-
der to test the potential of these NPs as colloidal stabilizing agents,
we placed them at the interface between two immiscible liquids. In-
deed, we observed a significant reduction of the surface tension for
both core-shell and Janus NPs.

CPP 11: Emerging Topics in Chemical and Polymer Physics, New Instruments and Methods

Time: Monday 15:00-16:00

CPP 11.1 Mon 15:00 HS8

GISANS sample environment for the investigation of thin

polymer films — eTobias Wipmann!, Lucas Krruzer!, NuURI
Houn!, Kun Wanc!, Gaetano MaNcGiapia?2, YVoNNE HERTLES,
Tromas HerLiwece®, and PETER MULLER-BuscuBaum! — 1TU

Miinchen, Physik-Department, LS Funktionelle Materialien, 85748
Garching — 2HZG at MLZ, 85748 Garching — 3Bielefeld University,
Physical and Biophysical Chemistry, 33615 Bielefeld

The investigation of thin polymer films with neutrons allows a non-
destructive probe on their structure and composition. In the frame-
work of the FlexiProb project, which plans an interchangeable sample
environment for different neutron experiments at the European spalla-
tion source (ESS), we designed a setup for grazing incidence small angle
neutron scattering (GISANS). The new sample chamber offers a wide
range of adjustable relative humidity with fast switching times. More-
over, a homogeneous heat distribution and reduced condensation of the
humid air is realized by a spherical design with fluidic channels inside
the chamber walls. A separate gas-mixing and air-flow setup, gives
precise control over the air conditions inside the chamber. To demon-
strate its options, thin microgel films constituted of thermoresponsive
NIPAM with N,N’-methylenebisacrylamide as cross-linkers are placed
inside and humidified from 0 to 100 %RH and vice versa. The film
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response is analyzed with time-of-flight GISANS in order to observe
structural changes in the films over the course of the humidification.

CPP 11.2 Mon 15:15 HS8
Development of a Sample Environment for in-situ Dynamic
Light Scattering in Combination with Small Angle Neutron
Scattering for the Investigation of Soft Matter at the Euro-
pean Spallation Source ESS — e ANDREAS ScHMID!, SEBASTIAN
Jakscu?, HENRICH FRIELINGHAUS2, ToBIAS SCHRADER?, HARALD
ScHNEIDER®, and THoMmas HeLiweGc! — !Physical and Biophysical
Chemistry, Bielefeld University, Bielefeld, Germany — 2Jiilich Centre
for Neutron Science JCNS, Forschungszentrum Jiilich GmbH, Outsta-
tion at MLZ, Garching, Germany — 3Scientific Activities Division,
FLUCO Platform, European Spallation Source ERIC, Lund, Sweden

The most brilliant and most powerful neutron source in the world,
the European Spallation Source ESS, is currently built in Lund. In
our project FlexiProb we developed three sample environments for
the investigation of soft matter to maximize the potential of the ESS
with regard to the very high neutron flux. These are sample environ-
ments for small angle neutron scattering (SANS) with in-situ dynamic
light scattering (DLS), under gracing incidence (GISANS) and on free-
standing liquid films and foams. All sample environments are built on
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an universal carrier system to ensure a high repeatability and flexi-
bility as well as a minimum switching time between different sample
environments. The DLS/SANS module developed in our subproject
provides additional control parameters, e.g., the sample stability dur-
ing the SANS measurements. We developed a special sample holder for
about 40 samples which allows the simultaneous measurement of SANS
and DLS at two different scattering angles and a precise temperature
control.

CPP 11.3 Mon 15:30 HS8
Container-free sample environment for neutron scattering —
oSEBASTIAN W. KRrAUSs!, RALF ScHWEINS2, ANDREAS MAGERL3,
and Mir1jaM ZoBeL! — !University Bayreuth, Bayreuth, Germany
— 2Institut Laue Langevin, Grenoble, France — 3Friedrich-Alexander-

University Erlangen-Nuremberg, Erlangen, Germany

In-situ small angle X-ray and neutron scattering (SAXS / SANS) pro-
vide valuable insights into soft matter systems, such as micelles, biolog-
ical macromolecules or nanoparticle (NP) formation. For SAXS free-
jet setups are established, but the counterpart for SANS was missing,
as SANS requires large sample cross sections(1]. Here, we introduce
a novel free-film setup, where the neutrons only penetrate a flowing
liquid film optimized to a sample area of 7x10 mm? with a typical
film thickness of 0.5 mm as determined from the incoherent scattering
of the film. In order to suppress H/D-exchange from the humidity
in the air for the operation of the setup with deuterated solvents, we
jacketed the setup in a containment filled with Helium. To validate
the H/D-ratio over time, three independent methods have been used:
IR, gravimetry, incoherent neutron scattering. The main benefit of
the free-film is the reduction of the background scattering by 37 %
in comparison to measurements in a standard Hellma cell as typically

used for SANS. Furthermore, we showcase the setup for the formation
of EDTA-capped CdS nanoparticles, in order to investigate the role
of the weakly scattering EDTA ligand shell in the nucleation process,
having been inaccessible so far.

[1] Lopez, C. G., (2018). J Appl Crystallogr 51, 570-583.

CPP 11.4 Mon 15:45 HS8

Gold-labels Enhance Small-angle X-ray Scattering Measure-
ments — eJAN LiPFERT — LMU Munich

SAXS is a powerful tool to probe the structure, interactions and dy-
namics of biological macromolecules and their complexes in free solu-
tion, under virtually arbitrary solution conditions. However, the infor-
mation content in traditional SAXS measurements is limited, making
it impossible to obtain atomic resolution structures from SAXS data
alone. To enhance the information content available from standard
biological SAXS measurements, we use small (71.4 nm diameter) gold
nanocrystals. The gold nanoparticles can be site-specifically attached
to DNA, RNA, and proteins, provide very high scattering contrast
in aqueous buffer, and are well suited for ASAXS experiments. We
have recently demonstrated two different and complementary schemes
to apply gold labels in biological SAXS measurements: As molecular
distances rules in ASAXS measurements [1] and as fiducial markers in
standard biological SAXS measurements to provide a sequence-to-low
resolutions structure map [2|. Here, I will discuss the possibilities pro-
vided by these labelling schemes and given an outlook on how they will
be able to provide novel insights into the structure and dynamics of
polymers and biological macromolecules in solution. [1] T. Zettl et al.,
Nano Letters (2016) 16:5353-7. [2] T. Zettl et al., Science Advances
(2018) 4:eaar4418.

CPP 12: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge Il (joint
session O/TT/DS/CPP)

Time: Monday 15:00-17:30

CPP 12.1 Mon 15:00 H9
Influence of structural deformations on the applicability of
the Tamm-Dancoff approximation for organic molecules —
eToBIAs LETTMANN and MICcHAEL ROHLFING — Institut fiir Festkor-
pertheorie, Westfélische Wilhelms-Universitdt Miinster, 48149 Miin-
ster, Germany

When calculating excited state properties of electronic systems within
the many-body perturbation theory (MBPT), the Bethe-Salpeter
equation (BSE) needs to be solved. This is often done within the
Tamm-Dancoff approximation (TDA), neglecting the coupling of res-
onant and anti-resonant excitations.

It is generally accepted that the TDA is justified for large, extended
systems e.g. bulk crystals. However it has been shown that the TDA
may no longer hold for small organic molecules [1]. In this talk we
discuss the applicability of the TDA for molecules of different sizes
and show the transition between the two regimes. We then discuss
how the applicability is influenced by deformations of the molecules,
in particular by the related conjugation length of the 7-system.

[1] B. Baumeier et al., J. Chem. Theory Comput. 8, 997 (2012)

CPP 12.2 Mon 15:15 H9
Momentum-Resolved Electron Energy-Loss Spectroscopy in
Oxides from Many-Body Perturbation Theory — eCHRISTIAN
VorweRk!2, CareriNna Coccuil'2, and Craupia Draxrl:2
Hnstitut fiir Physik, Humboldt-Universitat zu Berlin, 12489 Berlin,
Germany — 2European Theoretical Spectroscopy Facility

Electron energy-loss spectroscopy (EELS) is a powerful tool to investi-
gate the local electronic and structural properties of crystalline mate-
rials. The accurate determination of these spectra from first principles
requires a reliable description of the electron-hole interaction, screened
by the surrounding many-electron system. We perform ab initio many-
body perturbation theory calculations of EELS through the solution of
the Bethe-Salpeter equation (BSE), including the screened non-local
interaction between electron and hole. Employing an implementation
in the all-electron full-potential package exciting, we show results for
a wide range of energy loss, from the optical to the hard x-ray region.
We study EELS at finite momentum loss q, from small q close to the
dipole limit to large q well beyond the first Brillouin zone. This mo-

23

Location: H9

mentum resolution of EELS reveals dipole-forbidden excitations that
are invisible in absorption spectroscopy. Our calculations also yield
insight into the excitonic dispersion, i.e. the excitonic bandstructure.
We discuss the effects of momentum loss in the EELS spectra of oxide
materials, including CaO, CeO2, and the wide-gap transparent oxide
Gag O3, considering both the optical and x-ray energy-loss range.

CPP 12.3 Mon 15:30 H9
Electron-magnon scattering in elementary ferromagnets from
first principles: implementation and results — eCHRISTOPH
FriepricH, Marnias C.T.D. MULLER, and STEFAN BLUGEL —
Peter Griinberg Institut and Institute of Advanced Simulation,
Forschungszentrum Jilich and JARA, 52425 Jiilich, Germany

Propagating electrons and holes can scatter with spin fluctuations and
form quasiparticles as a result or more complex many-body states. To
calculate this effect, a k-dependent self-energy describing the scattering
of electrons and magnons is constructed from the solution of a Bethe-
Salpeter equation for the T' matrix. Partial self-consistency is achieved
by the alignment of the chemical potentials. We discuss details of the
implementation and illustrative results. The renormalized electronic
band structures exhibit strong spin-dependent lifetime effects close to
the Fermi energy, which are strongest in Fe. The renormalization gives
rise to a band anomaly at large binding energies in iron, which results
from a coupling of the quasihole with Stoner excitations.

CPP 12.4 Mon 15:45 H9

Dielectric function of homogeneous electron gas from
Bethe-Salpeter equation — eJaakko KoskeLol2, MARTIN
2,3 1,2,4

PanHoLZERZ3, Lucia Reming!2, and Marteo Garril:2
!Laboratoire des Solides Irradiés, Ecole Polytechnique, CNRS, CEA,
Université Paris-Saclay, F-91128 Palaiseau, France — 2ETSF —
3Institute for Theoretical Physics, Johannes Kepler University, Linz,
Austria — *Synchrotron SOLEIL, France

The homogeneous electron gas (HEG) is one of the most important
model systems in condensed matter physics, and it has been subject
of a great number of studies. Some properties of HEG such as total
energy and static correlation functions can be obtained from quan-
tum Monte Carlo simulations with great accuracy, but for dynamical
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correlation functions only very few results are available.

Methods based on the Bethe-Salpeter equation (BSE) have been
very succesful in semiconductors and insulators, but metals have been
less studied. In this contribution, we use the BSE in its standard ap-
proximations, including a statically screened electron-hole interaction,
to study the dielectric function of HEG. We find significant differences
in static screening and spectra compared to other approaches. In par-
ticular, the BSE in its current approximations fails to reproduce the
negative static screening in the low-density HEG, which is related to a
so-called ghost exciton. We also use the time-dependent mean-density
approximation [1] in order to compare our results to experimental loss
spectra of sodium.

[1] M. Panholzer et al, Phys. Rev. Lett. 120, 166402 (2018).

CPP 12.5 Mon 16:00 H9
DFT study of electronic and optical properties of SrTiO3_;
including many-body effects — eVijava Becum, Markus E
GRUNER, and Rossitza PENTcHEVA — Faculty of Physics and Centre
for Nanointegration (CENIDE), University of Duisburg-Essen, Duis-
burg.

The electronic and optical properties of SrTiOs (STO), a perovskite
material of key importance in the field of oxide electronics, are ex-
plored in the framework of density functional theory including many-
body effects within the GW approximation and excitonic corrections
by solving the Bethe-Salpeter equation (BSE). We further analyse the
origin of the strong excitonic effects, in particular a peak at ~6.5 €V,
by decomposing the BSE eigenvectors obtained from GW+BSE to ex-
tract the leading electron-hole pair contribution for the particular BSE
eigenstate following the approach of Bokdam et al. [Scientific Reports
6, 28618 (2016)]. Alternatively, we use the model-BSE (mBSE) which
utilises a parametrised analytical model for the static screening. For
STO, the mBSE spectrum closely reproduces the one from GW+BSE;,
which allows to reduce the computational effort by circumventing the
intermediate time-consuming GW step. We further proceed to describe
the effect of oxygen defects on the electronic and optical properties in
STO.

Funding by DFG- SFB1242, project C02 is gratefully acknowledged.

CPP 12.6 Mon 16:15 H9
Second-order Mgller-Plesset perturbation theory and beyond
for the band gap and single-particle excitations of solids
— eMaRria DracoumI!, SErcEy V. LevcHENko?13 Icor YING
Zuanc®!, and MarTHias ScHEFFLER! — !Fritz-Haber-Institut der
Max-Planck-Gesellschaft, Berlin, DE — 2Skolkovo Innovation Center,
Moscow, RU — 3NUST MISIS, Moscow, RU — #Fudan University,
Shanghai, CN

Calculations of the fundamental band-gap and the low-energy excita-
tions of solids are still a challenge for electronic-structure theory. The
computationally efficient Kohn-Sham (KS) density functional theory
(DFT) with the widely used local or semi-local approximations pro-
vides a KS band gap which is much smaller than the fundamental gap.
Many-body perturbation theory, on the other hand, addresses the fun-
damental gap directly. We present here an efficient scalable imple-
mentation of Mgller-Plesset second order perturbation theory (MP2)
for quasi-particle energies [1,2]. By solving the Dyson equation of the
single-particle Green’s function, considering self-energy up to second
order, we go beyond MP2. The new approach shows a competitive or
even superior performance in comparison to the current state-of-the-
art methods such as hybrid functionals and GW approximation, where
second order exchange is missing. We present numerical results for the
band-gap of a wide range of semiconductors and insulators.

[1] J. Sun and R. J. Bartlett, J. Chem. Phys. 104, 8553 (1996).

[2] A. Griineis, et.al, J. Chem. Phys. 133, 074107 (2010).

CPP 12.7 Mon 16:30 H9
Accelerating GW Calculations within the LAPW Frame-
work — eSvEN LuBECK, ANDRIS GuLANS, and CLAUDIA DRAXL —
Humboldt-Universitat zu Berlin, Germany

The GW approach of many-body perturbation theory is an indispens-
able method for calculating the electronic band structure of solids. Its
implementation in computer programs using the linearized augmented
plane-wave + local orbital (LAPW+LO) method allows for obtaining
numerically precise results. Unfortunately, high precision comes at
the price of a large number of LAPWs and LOs. In this work, we
accelerate GW calculations by optimizing the use of LAPWs and LOs
in the computer package exciting [1]. On the one hand, we intro-
duce a systematic way of obtaining a minimal set of LOs. On the
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other hand, we perform a basis transformation from the plane-wave
part of the LAPWs to different types of basis functions, exploring the
efficiency of numeric atom-centered orbitals, Gaussian type orbitals,
and Kohn-Sham orbitals. Presenting band gaps of two exemplary
materials, zincblende ZnO and hexagonal monolayer BN, we illustrate
that our optimization schemes reduce the computational cost down to
values as low as 15% without compromising the precision.

[1] A. Gulans, S. Kontur, C. Meisenbichler, D. Nabok, P. Pavone,
S. Rigamonti, S. Sagmeister, U. Werner, and C. Draxl, J. Phys.: Con-
dens. Matter 26, 363202 (2014).

CPP 12.8 Mon 16:45 H9
Ab-initio description of transient ion formation of NO
on Au(111) — Danier CorkeiN, Nicnoras D. M. HiNg, and
eREINHARD J. MAURER — Departments of Physics and Chemistry,
University of Warwick, United Kingdom

Gaining a fundamental understanding of the interactions of molecules
on metal surfaces is essential for the development of novel hetero-
geneous catalysts. An interesting feature of gas-surface reactions at
metal surfaces is that the Born-Oppenheimer approximation breaks
down. Vibrationally excited and translationally hot molecules can
transfer energy to the electrons of a metal via excitation of electron-
hole pairs (EHP). In case of NO on Au(111), [1] this nonadiabatic en-
ergy loss is believed to stem from the transient generation of charged
ion species at the surface. A computationally feasible and accurate
description of such a molecule-metal charge-transfer state represents a
challenge and several methods have been proposed. Upon a review of
existing experimental evidence, we will present our approach to this
problem. We use linear expansion-Delta-Self-Consistent-Field Density
Functional Theory (leASCF-DFT) [2]| to model the anionic resonance
of NO on Au(111). The leASCF-DFT method enforces the electronic
configuration of reference molecular states while solving the Kohn-
Sham equations self-consistently. By comparison to experiment and
other models, we asses the methods’ ability to describe the ground- and
excited-states during molecular scattering. We further explore avenues
to extract nonadiabatic couplings and to construct model Hamiltoni-
ans based on this method. [1] JCP 130, 174716, [2] JCP 139, 014708;

CPP 12.9 Mon 17:00 H9
Luminescence of 3-SiAlION:Eu?t phosphors: DFT study —
eSALEEM Avaz KHan!, ONDREJ S1Pr!, RoBIN NikLAUSZ, WOLFGANG
Scunick?, and JAN MINAR! — 1 University of West Bohemia, Pilsen,
Czech Republic — 2LMU Munich, Germany

Highly efficient phosphor-converted light-emitting diodes (pc-
LEDs)are popular in lighting and high-tech electronics applications|1].
Among them B-SiAION:Eu?t stands out as a promising narrow-band
green phosphor for white-LEDs applications exhibiting good thermal
and chemical stabilities. Photoluminescent properties of this material
can be tuned by introducing the disorder at various sublattices. To
understand the mechanism behind this effect, we performed a system-
atic study of electronic structure and photoluminescence properties
of B-SiAlON:Eu?t. The calculations were done within the ab-initio
fully relativistic full-potential framework. The disorder was treated by
employing both the supercell approach and the coherent potential ap-
proximation (CPA). The Stokes shifts were calculated from differences
of total energies of the ground and excited states of 3-SiAION:Eu2t.
The main focus is on monitoring how the Al and O content and Eu?*
activator concentrations influence the local 3-Si3N4 electronic struc-
ture and how this may be used to tune photoluminescence properties.

[1] Z. Wang, W. Ye, Iek-H. Chu, and S. P. Ong, Chem. Mater., 28,
8622 (2016).

CPP 12.10 Mon 17:15 H9
Spin fluctuations in itinerant ferromagnets: Computing the
dynamic transverse spin susceptibility with TDDFT and
PAW — eTHORBIgGRN SKOVHUS and THoMAs OLSEN — Technical
University of Denmark

We present a numerical scheme for computing the dynamic trans-
verse spin susceptibility using time-dependent density functional the-
ory which allows us to study magnons in itinerant ferromagnets. The
scheme is based on a real-space grid implementation of the projected
augmented wave method and use a simple plane wave representation of
the response function. Employing the adiabatic local density approxi-
mation for the exchange-correlation kernel, calculations of the magnon
spectra in bulk transition metals iron and nickel are presented. In the
context of the present implementation, the influence from the choice
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of numerical scheme on the violation of the Goldstone theorem is in- ‘ vestigated.

CPP 13: Membranes and Vesicles Il (joint session BP/CPP)

Time: Monday 15:00-16:15

CPP 13.1 Mon 15:00 H10
Screening of small molecules with bilayer-modifying proper-
ties using coarse-grained simulations — eALEssiA CeENTI, KURT
KREMER, and TRISTAN BEREAU — Max Planck Institute for Polymer
Research, Mainz, Germany

Small molecules, including alcohols and anesthetics, can alter the lat-
eral organization of plasma membranes by preferentially partitioning
between domains, thereby affecting lipid bilayer properties and sta-
bility. Although lipid segregation is key to many biological processes,
precise understanding of the physical and chemical properties govern-
ing membrane phase behaviour is still lacking. Gaining more funda-
mental insight into the underlying mechanism is pivotal for developing
enhanced drugs that can act through targeted domain phase separa-
tion.

In this work, we employ coarse-grained simulations based on the
MARTINI force field [1] as a screening tool to identify compounds
which can affect phase separation in model membranes. Hence, our
approach based on a combination of molecular dynamics simulations
and potential of mean force calculations, provides a rapid and afford-
able platform for gaining a better understanding of the driving forces
of lipid domain stabilisation/destabilisation.

[1] S. J. Marrink, et al. Journal of Physical Chemistry vol. 111 p.
7812-7824, 2007.

CPP 13.2 Mon 15:15 HI10
Drug-membrane permeability across chemical space
eRoBERTO MENICHETTI, KIRAN H. KANEKAL, and TRISTAN BEREAU
— Max Planck Institute for Polymer Research, Mainz, Germany

Unraveling the link between the chemical structure of a small drug-like
molecule and its rate of passive permeation across a lipid membrane is
of fundamental importance for pharmaceutical application. However,
the elucidation of a structure-permeability relationship in terms of few
molecular descriptors has been so far hampered by the overwhelming
number of possible compounds. In this work, we reduce a priori the
size of chemical space by relying on physics-based coarse-grained mod-
els, and perform high-throughput coarse-grained simulations (HTCG)
to cover a subset of chemical space both efficiently and broadly. This
comprehensive exploration allows us to derive a smooth surface relating
the permeability of a compound to two simple molecular properties—
the bulk partitioning free energy and acid dissociation constant. By
projecting HTCG predictions back to atomistic resolution, we provide
an estimate of the permeability coefficient for more than 500,000 small
molecules in the range 30— 160 Da. Our large scale analysis establishes
a clear connection between specific functional groups and the result-
ing permeability, enabling for the first time inverse molecular design.
This study further highlights that favoring the incorporation of certain
groups will reduce the range of accessible permeabilities, thus affecting
bioavailability.
[1] R. Menichetti, K. H. Kanekal, and T. Bereau, arXiv preprint

arXiv:1805.10158 (2018).

CPP 13.3 Mon 15:30 H10
X-Ray Reflectivity Investigation of Structure and Kinet-
ics of Photoswitchable Lipid Monolayers — eJonas ERrik
Warias!, SVENJA CArROLIN HOVELMANN!, Franziska REISE?, AN-
DREA SARTORI', RAJENDRA Prasap Giri!, CHEN SHEN®, THISBE
LINDHORST2, OLAF MAGNUS MacNUSsSEN!, and BRIDGET MARY
Murpay!# — Institut fiir Experimentelle und Angewandte Physik,
University of Kiel, Germany — 2Otto Diels-Institut fiir Organische
Chemie, University of Kiel, Germany — 3Deutsches Elektronen Syn-
chrotron, Hamburg, Germany — 4Ruprecht Heansel Laboratory, Uni-
versity of Kiel, Germany
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The mechanical and dynamic properties of phospholipid membranes
are of importance for biological functions, such as switching of em-
bedded proteins and cell transportation. In order to investigate these
properties we study model systems in which amphiphilic photoswitch-
able molecules are integrated into Langmuir films of phospholipids. We
have modified glycolipids to contain an azobenzene photoswitch be-
tween the chain and the head group and successfully embedded those
in a monolayer of dipalmitoylphosphatidylcholine (DPPC). This allows
us to reversibly change the azobenzene-glycolipid orientation between
trans- and cis-conformation by illumination with UV and blue light.
We have followed the structural changes in this model membrane and
the switching kinetics of the system with Langmuir isotherms and in
situ X-ray reflectivity at the LISA diffractometer P08, PETRA III.
Strong changes in membrane conformation upon switching have been
observed and an additional phase transition has been discovered.

CPP 13.4 Mon 15:45 HI10
On the propagation of acoustic waves along the membrane
based on the thermodynamic state of the interface — eKEvIN
Kancg and MATTHIAS SCHNEIDER — Technische Universitdt Dortmund

Biological membranes form hydrated, quasi-2D elastic interfaces, and
it has been proposed that acoustic waves propagating along the mem-
brane play a fundamental role in biological communication. Here we
investigate whether thermodynamic principles can be applied on inter-
faces to study mechanical signaling along membranes. Using fluores-
cent probes embedded on an lipid monolayer assembled at the air-water
interface, we excite the monolayer and measure the acoustic waves
propagating along the membrane using FRET. We find that stimu-
lation near the phase transition region of the state diagram (liquid-
expanded/liquid condensed) can generate all-or-none type pulse, and
the threshold behavior and the pulse shape show similarity with the
nervous impulse. Altering the environment (pH, Ca2+, temperature,
etc.) changes the material properties of the membrane (e.g. lateral
compressibility), and the observed pulse characteristics (velocity, am-
plitude, period, etc.) generally agree with those expected from the
compressibility profile. Furthermore, these characteristics also appear
consistent with pulses seen in various excitable systems (squid axons,
algae, etc.) under varying environmental conditions (e.g. increase in
conduction velocity with increase in temperature). These results al-
together show that the signaling properties along the interface can be
derived from its state diagram and the thermodynamic properties, and
they support a physical basis of communication in living systems.

CPP 13.5 Mon 16:00 H10
Stochastic dynamics of nanoparticle and virus uptake —
eFELIX FREY, FALKO ZIEBERT und ULRICH SCHWARZ — Institute for
Theoretical Physics and BioQuant-Center, Heidelberg University, Ger-
many

Biological cells constantly transport material and information across
their plasma membrane. In particular cells routinely take up partic-
les of diverse shapes and sizes between 10-300 nm, especially viruses,
which often come in either spherical or cylindrical shapes. In general,
particle uptake requires that the gain in adhesion energy overcomes
the cost of plasma membrane bending. We first show by using a sim-
ple deterministic model that cylindrical particles are taken up faster
than spherical particles for the same radius and volume. We then inves-
tigate stochastic effects, which might be relevant because of the small
system size. We find that now spherical particles can be taken up fas-
ter because the mean first passage time is affected by multiplicative
noise for the sphere rather than additive noise as in the case of the
cylinder. Our findings suggest that stochasticity is equally important
as geometry during particle uptake.
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CPP 14: Organic photovoltaics and electronics (joint session HL/CPP)

Time: Monday 15:00-17:15

CPP 14.1 Mon 15:00 H31
Spectroscopy of Oligoacene molecules attached to Argon
clusters eMarTHIAS BonLeEn!, Corey A. RICE!, AARON
LaForce!2, and FRaNnk STIENKEMEIER! — lInstitute of Physics,
University of Freiburg, Hermann-Herder-Str. 3, D-79104 Freiburg —
2University of Connecticut, Department of Physics, 2152 Hillside Rd,

Storrs, CT, USA

Energy conversion efficiency for solar cells is generally limited by
the Shockley-Queisser limit [1]. One way to circumvent this limit is
through the use of organic photovoltaics (OPV), where specific charge
and energy transfer processes can lead to higher conversion efficien-
cies. Polyaromatic hydrocarbons such as oligoacene molecules exhibit
interesting quantum effects such as singlet fission, triplet-triplet an-
nihilation, or superradiance and make promising candidates for OPV
applications. Recently anthracene, tetracene and pentacene molecules
adhered to the surface of neon clusters have been shown to provide
interesting model systems for detailed studies of such effects [2]. We
want to extend these measurements by spectroscopy of oligoacenes de-
posited to the surface of argon clusters.

[1] W. Shockley and H. J. Queisser, J Appl Phys 32, 510 (1961)

[2] S. Izadnia et al., J. Phys. Chem. Lett.*8,*2068 (2017)

CPP 14.2 Mon 15:15 H31
When the model description hampers the parameter extrac-
tion for organic thin-film transistors — Markus KRAMMER!,
JameEs BorcHERT?, ANDREAS PETRITZ®, GERBURG ScHIDER?, Es-
THER KARNER-PETRITZ3, BARBARA STADLOBER®, HAGEN KLAUK?Z,
and eKARIN ZoJER! — lInstitute of Solid State Physics, NAWI Graz,
Graz University of Technology, Graz, Austria — 2Max Planck Institute
for Solid State Research, Stuttgart, Germany — 3Joanneum Research

Materials, Weiz, Austria

When transistor parameters, like charge mobility or contact resis-
tances, are determined from the electrical characteristics, their values
are not unambiguous, but rather depend on the extraction technique
and on the underlying transistor model. We propose a technique to
establish whether the ambiguity arises already from the chosen tran-
sitor model. This two-step technique analyzes the electrical measure-
ments of a series of TFTs with different channel lengths. The first step
extracts the parameters for each individual transistor. The second
step checks whether the channel length-dependence of the extracted
parameters is consistent with the model. We demonstrate the tech-
nique for a range of organic TFTs that differ in the semiconductor,
the injecting contacts, and the geometry. Independent of the transis-
tor set, state-of-the-art transistor models fail to reproduce the correct
channel length-dependence. Our technique suggests that transistor
models require improvements in terms of carrier density dependence
of the mobility and the consideration of uncompensated charges in the
transistor channel.

CPP 14.3 Mon 15:30 H31
Vibronic coupling governs ultrafast intermolecular energy
transfer in an oligomer thin film — Epuramm SomMmER!, XUuaN
Trune NcuveN!, LyNN GRross?, THoMAs FrRAUENHEIMZ, ELENA
MENA-OSTERITZ?, PETER BAUERLE®, @ ANTONIETTA DE Stol, and
CuristorH Lienau! — lInstitut fiir Physik, Universitit Oldenburg
— 2BCCMS, Universitét Bremen — 3Institut fiir organische Chemie
II und neue Materialien, Universitdt Ulm

Organic photovoltaic(OPV) materials are complex molecular systems
with many vibrational degrees of freedom. In such large molecules,
vibronic coupling may result in conical intersections(CIs) of potential
energy surfaces. Close to Cls, large vibronic couplings induce efficient
ultrafast transition between electronic states. Hence Cls may pro-
foundly influence the dynamics and yield of energy and charge transfer
processes. So far, however, the importance of Cls for OPV materials
has not yet been discussed. Here we use ultrafast two-dimensional elec-
tronic spectroscopy to study the light-induced dynamics in an oligomer
thin film for OPV. Upon impulsive excitation, we detect a grid-like
peak pattern suggesting coherent wavepacket motion in the excited
state. After <50fs, the pattern transforms into a broad, featureless sin-
gle peak. We observe an increase of oscillation period with an abrupt
vanishing of the optically excited wavepacket, followed by the emer-
gence of a new wavepacket with different oscillation. These results,
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together with ab-initio molecular dynamics calculations, show that in-
termolecular energy transfer in stacked dimers of this oligomer involves
passage of the optically excited wavepacket through a CI within <50fs.

CPP 14.4 Mon 15:45 H31
Influence of thermal transport parameters on operation tem-
perature of OLEDs — eGeorcil KRrRIKUN and KARIN ZOJER —
Institute of Solid State Physics, NAWI Graz, Graz University of Tech-
nology, Graz, Austria
Utilizing organic light emitting diodes (OLEDs) for lighting requires a
homogeneous operation across large surface areas. This poses the chal-
lenge to suppress local variations in temperature and current density.
While OLED research mostly focuses on electric and optical prop-
erties, thermal properties are highly relevant, as charge transport in
organics is thermally activated. Due to the peculiar coupling between
thermal and charge transport, related properties cannot be decoupled
from each other.

We investigate how thermal conductivity and heat transfer between
OLED surface and environment impact current voltage relations and
device temperature for a given ambient temperature. By using self-
consistent drift-diffusion based simulations, that simultaneously ac-
count for thermal and charge transport and their coupling, we estab-
lish how excess heating can be effectively counteracted. Despite a
strong coupling between charge and heat transport, heat transport is
essentially governed by layers that not participate in charge transport.
Hence, electrical and thermal properties can be tuned with separate
layers.

15 min. break

CPP 14.5 Mon 16:15 H31
Barrier Heights in Contacts to Electroluminescent
Thin Films of 1-(pyridin-2-yl)-3-(quinolin-2-yl)imidazo|1,5-
a]quinoline Determined by Kelvin Probe Force Microscopy
— eCLEMENs GEris!, GeEorc ALBREcCHT!, Juria RuHL?, JasMmIN
MarTHA HERR?, RicHARD GoTTLICcH?, and DERCK SCHLETTWEIN!
— 1Justus-Liebig-Universitat GieRen, Institut fiir Angewandte Physik
— 2Justus-Liebig-Universitit Giefen, Institut fiir Organische Chemie
Thin films of 1-(pyridin-2-yl)-3-(quinolin-2-yl)imidazo|1,5-a]quinoline
(PCIC) were prepared by physical vapor deposition and analyzed in
situ by Kelvin probe force microscopy (KPFM). As contact phases,
poly(3,4-ethylenedioxythiophene) polystyrene sulfonate (PEDOT
PSS) and poly(9-vinylcarbazole) (PV K) were used as hole conductors
and bathocuproine (BC P) as electron conductor. Charge carrier injec-
tion barriers were identified, electroluminescent layer structures were
prepared and effects of contact formation on radiative recombination
were studied. Aside from the expected blue emission, a significantly
red-shifted emission was found and assigned to electroplex formation
with BCP. Using PCIC in a host-guest system within a matrix of
PV K led to blue emission at improved luminescence. The studied in-
teractions of PCIC with typical contact materials reveal the potential
and limitations of PCIC' as an electroluminescent material.

CPP 14.6 Mon 16:30 H31
Rubrene based diodes for rectification applications
eMICHAEL SawaTzkI!, BAHMAN KHERADMAND BoRrousENI2, HANS
KLEMANN!, FRANK ELLINGER?, and KaRL LEo!3 — 1Dresden Inte-
grated Center for Applied Physics and Photonic Materials (IAPP) and
Institute for Applied Physics, Technische Universitdt Dresden, 01187
Dresden, Germany — 2Chair for Circuit Design and Network Theory
(CCN), Technische Universitat Dresden, 01069 Dresden, Germany —
3Center for Advancing Electronics Dresden (cfaed), 01187 Dresden,
Germany

The developement of organic electronics is usually focused on a small
set of electronic components, mainly OLEDs, solar cells, and various
types of OFETs. To realize circuits, additional devices are required.
One such device type are high-speed diodes, in the role of rectifiers,
voltage stabilizers or analog signal processing. In particular for high-
frequency RFID-applications it is essential to provide fast-switching
diodes. The performance of such devices is closely related to the mo-
bility of the semiconductor materials in use. Due to the anisotropy of
charge carrier transport in most high-mobility organic semiconductors,
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it is necessary to find material systems that offer high vertical mobil-
ities. We present organic diodes, optimized for transition-frequency
and high driving current, utilizing highly crystalline layers of Rubrene.
These diodes show record values for the transition frequency, both in
open circuit and under load. The values rached are higher than for
inorganic diodes based on amorphous silicon and therefore allow for a
low-cost realization of medium to long range RFID-systems.

CPP 14.7 Mon 16:45 H31
Non-fullerene acceptors with tailored properties for organic
solar cells — eANAsTAsiA MARKINA', FREDERIC LaqQuai?, and DE-
N1s ANDRIENKO2 — 1Max Planck Institute for Polymer Research,
Mainz 55128, Germany — 2King Abdullah University of Science and
Technology (KAUST), KAUST Solar Center (KSC), Thuwal 23955-
6900, Kingdom of Saudi Arabia

One promising method to achieve higher solar cell efficiencies is to
replace fullerenes with strongly-absorbing dye molecules, namely, non-
fullerene acceptors (NFAs). However, the systematic design of acceptor
molecules with tailored properties has yet to be demonstrated. The
main difficulty here is that, while fullerenes are electrostatically in-
ert, new acceptor molecules typically have strong static quadrupole
moments.

By exploring the long-range electrostatic interaction at the inter-
face, we demonstrate that, for a set of recently developed NFAs, the
electrostatic bias potential can be directly related to the stabilization
(or destabilization) of charge-transfer (CT) states as well as changes
of the photovoltaic gap.

We find that the correlation between quadrupole moments, charge
separation efficiency, and CT-state energy predicted by our model, is
experimentally reproduced for several different donor /acceptor combi-
nations. This allows us to predict new NFA structures using combina-

tions of readily available molecular building blocks that can potentially
reach even higher performances than those currently achieved in state-
of-the-art NFA devices.

CPP 14.8 Mon 17:00 H31
The three optical signatures of p-doping in poly(3-
hexylthiophene) — MavLavika ArvIND!, eCrLaupia Tarr?, Jan
Benrenps?, and DiETER NEHER! — 1 Universitit Potsdam, Potsdam,

Germany — 2Freie Universitéit Berlin, Berlin, Germany

Doping is an important process in the realization of electronic de-
vices. Here we investigate the mechanism of p-doping of regioregular-
and regiorandom- poly(3-hexylthiophene) (P3HT) using two dopants
- FATCNQ and tris(pentafluorophenyl)borane (BCF). Although both
dopants exhibit Integer Charge Transfer (ICT) with rreP3HT in so-
lution, the sub-band gap features in the UV-Vis-NIR spectra of
FATCNQ- and BCF-doped rraP3HT differ significantly.[1] The con-
centration and nature of paramagnetic states generated in the different
systems was investigated using EPR spectroscopy. The results reveal
significantly reduced spin concentrations in the doped rraP3HT solu-
tions, in particular with FATCNQ as dopant, supporting the existence
of EPR-silent bound charge pairs. Additionally, the hole delocalization
was shown to be reduced in regiorandom- compared to regioregular-
P3HT. We conclude that CTC and ITC formation is not specific for
thiophene-based polymers and oligomers, respectively, as suggested by
earlier results. [2] Instead, the nature of the doping-induced state
correlates strongly with the ability of the conjugated backbone to pla-
narize and to delocalize the polaron along the conjugated system.

[1] Pingel P., Arvind M. et al. (2016). Adv. Electron.
Mater.,2:1600204 [2] H. Méndez, I. Salzmann, et al., Nat. Commun.
6, 8560 (2015).

CPP 15: Symposium SYCO of the divisions MM (leading), O, CPP, KFM and DS continued
as topical session: Mechanically controlled electrical conductivity of oxides (joint session
MM/CPP/0O)

Sessions: SYCO II and III
Time: Monday 15:45-18:30

Topical Talk CPP 15.1 Mon 15:45 H46
Probing the properties of dislocations in SrTiO3 through
transient transport measurements — eRoGEr DE Souza —
Institute of Physical Chemistry, RWTH Aachen University, 52056
Aachen, Germany

There is renewed interest in the interaction between oxygen vacan-
cies and dislocations in the perovskite oxide SrTiOgz, driven by the
material’s possible application in devices for all-oxide electronics and
for resistive switching. In my talk, I will demonstrate how transient
transport experiments — comprising 180/160 isotope exchanges and
Secondary Ion Mass Spectrometry (SIMS) analysis — can be used to
obtain a deeper understanding of this interaction. Having first in-
troduced the thermodynamics of space-charge formation at extended
defects, I will focus on describing experiments and simulations on vari-
ous geometries: annealed single crystals, bicrystals, and polished single
crystals. Finally, I will discuss how these studies allow us to arrive at
a consistent description of point-defect behaviour at dislocations in
SrTiOs.

CPP 15.2 Mon 16:15 H46
Characterization of Fe:STO thin films prepared by pulsed
laser deposition — eMAXIMILIAN MORGENBESSER, STEFANIE TAIBL,
Markus KuUBICEK, ALEXANDER VIERNSTEIN, CHRISTOPHER HERZIG,
ANDREAS LiMBEcCK, and JURGEN FLEIG — TU Wien, Wien, Osterre-
ich
The perovskite-type oxide SrTiO3 (STO) is one of the best investi-
gated materials in solid state ionics and commonly used as a model
material in solid state ionics. The defect model of bulk SrTiO3 is well
understood and the conductivity of bulk samples can be tailored by
acceptor or donor doping, e.g. with Fe3+ or Nb5+ on the Tid+ site.
However, other aspects of SrTiO3 have not been understood so far, for
example the the influence of factors such as stoichiometry and strain
on the conductivity which is investigated in this study.
Two different kinds of 2 % Fe-doped thin films were deposited by
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pulsed laser deposition (PLD). Thin films deposited from stoichiomet-
ric targets exhibit a low, intrinsic conductivity. In addition, targets
with Sr overstoichiometry were used and the conductivity could be
increased by four orders of magnitude. The thin films are compared
to each other in regard to the structure and stoichiometry. Structural
differences could be found by x-ray diffraction measures, revealing a
difference in lattice parameters. The chemical composition was ana-
lyzed by means of inductively coupled plasma optical emission spec-
troscopy (ICP-OES) and differences in the A/B ratios could be found.
A model linking the conductivity to the stoichiometry of the thin films
is presented, highlighting the possible impact of cation vacancies and
antisite defects on the electrical conductivity of Fe:SrTiO3.

CPP 15.3 Mon 16:30 H46
Generation of controlled dislocation structures in SrTiO3 and
TiO2 for elucidating dislocation impact on electrical proper-
ties. — eLukas Porz, TiLL FrROMLING, and JURGEN RODEL — In-
stitute of Materials Science, Technische Universitat Darmstadt, 64287
Darmstadt, Germany

Dislocations have been understood to alter numerous functional prop-
erties of ceramic materials, such as conductivity|[Whitworth 1975]. Re-
cently, modification of functional properties of oxide materials by dis-
locations receives much attention due to their various potentials for
application[Szot 2018]. Especially the complex dislocation structure
of naturally occurring dislocations makes investigations of dislocation
effects difficult. Thus, disentangling the different effects of dislocations
requires an ordered structure of the dislocations. So far ordered struc-
tures were primarily fabricated in bi-crystal interfaces which are often
not comparable to natural dislocation arrangements.

We present a route to control the arrangement of the dislocations
locally. Different slip systems can be individually introduced and an
arrangement of all dislocations lying in the same set of slip planes was
achieved. With identical line vectors, the dislocations connect two sur-
faces of a bulk sample which was shown by dark field x-ray microscopy.
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This well-arranged and well-understood structure of dislocations is a
pre-requisite for unambiguous interpretations of detailed experiments
on functional properties. The value of a controlled arrangement of dis-
locations is demonstrated by conductivity data along dislocation lines
and across slip bands in comparison to a dislocation free reference.

45 min. break

CPP 15.4 Mon 17:30 H46
Atomic and electronic structure of wurtzite ZnO(0001) inver-
sion domain boundaries — eJocHEN ROHRER and KARSTEN ALBE
— FG Materialmodellierung, FB Material- und Geowissenschaften,
Technische Universitdt Darmstadt

In a recent work [1], variations of the conductivity of ZnO bicrystal
samples with (0001)||(0001) and (0001)|(0001) orientations (inversion
domain boundaries, IDB) due to the modulation of the potential bar-
rier height at the IDB with respect to strain [2] has been demonstrated.
In order to establish a more profound understanding of this behavior, a
detailed characterization of the atomic structure and electronic proper-
ties of such IDBs by means of first-principles methods will be valuable.
However, despite the structural and chemical variability of this system,
only a few atomistic models have been in studied to date [3].

In this work we comprehensively study ZnO{0001} IDBs by means
of density functional theory calculations. In particular, we construct a
variety of structurally and chemically different phase-pure models and
identify their thermodynamic stability within the allowed range of the
O chemical potential. For stable models we investigate electronic prop-
erties and their response to strain. Finally we also study the role of
various dopants, commonly added in experimental bicrystal samples.

[1] P. Keil et al., Adv. Mater. 30, 1705573 (2018). [2] D. R. Clarke,
J. Am. Ceram. Soc. 82, 485 (1999). [3] S. Li et al., Phys. Status
Solidi B 255, 1700429 (2017).

CPP 15.5 Mon 17:45 H46
Impact of internal electric field on the grain boundary barrier
height of ZnO — eBaAI1-Xi1anc XU, Z1Q1 ZHou, and TiLL FROMLING
— Institute of Materials Science, TU Darmstadt

Polycrystalline ZnO ceramics with grain boundary potential barriers
are important materials for surge arresters due to their non-linear
current-voltage behavior, and have potential application in advanced
devices. Different grain boundary barrier height models have been de-
veloped by considering the direct piezoelectric effect. However, the
piezoelectric charge should not only result from the direct piezoelec-
tric effect, but also from the inverse piezoelectric effect, which refers
to the mechanical response of the material by the electric field. Due
to the charges at the grain boundary, strong internal electric field can
be expected, and it leads to strain change through the inverse piezo-
electric effect. This strain further modifies the polarization and thus
leads to additional piezoelectric charges at the grain boundary and in
the depletion layer. Thus, this should also be taken into account self-
consistently. For this purpose we employ both analytical model and
finite-element numerical simulation to reveal the impact of internal
electric field on the GB barrier height and its stress sensitivity. Results
show that the piezoelectric charge induced by the internal field tends
to adjust the grain boundary charge and lowers the barrier height.
Furthermore, the barrier height becomes less sensitive to mechanical
stress and applied voltage if the influence of the internal field is taken

28

into account. The extended model with the inverse piezoelectric ef-
fect of the internal field allows to further elucidate their piezotronic
response.

CPP 15.6 Mon 18:00 H46
Influence of cation order and strain on Na diffusion in
NazZr2SisPOj12: A computational study — eLiSETTE HAAR-
MANN and KARSTEN ALBE — Technische Universitat Darmstadt, Otto-
Berndt-Str. 3 64287 Darmstadt

NagZraSigPO12 is a solid electrolyte which is part of the Na super
ionic conductor (NASICON) family. Experimentally, only Si/P lattice
positions can be determined, but not the distribution of P on these
sites[1]. This distribution, however, plays a crucial role for the Na
diffusion. A systematic study of different cation orders is conducted
using Molecular Dynamics (MD) simulations. Due to the strong cor-
relation of diffusion in this material, the calculation of D, is necessary
to obtain the ionic conductivity from the Nernst-Einstein equation[2].
By calculating D, and the tracer diffusion coefficient D¢y, Haven ra-
tios are determined. Additionally, a jump rate model was developed,
which allows investigation of correlation between individual jumps.

Moreover, it has been reported that doping can strongly increase
the diffusivity of Na in NASICON materials[3]. In many cases, this is
attributed to enlarged bottlenecks of diffusion. These doping elements,
however, do not only contract or dilate the lattice structure but alter
the chemical environment of the Na ions as well. In an effort to study
purely the effect of mechanical deformation, the strain dependence of
Dyr and the activation energy E 4 is investigated.

[1] Boilot, J.P., et. al., Journal of Solid State Chemistry 73, (1988)

[2] Murch, G., Solid State Ionics 7, (1982)

[3] Guin, M., Tietz, F., Journal of Power Sources 273, (2015)

CPP 15.7 Mon 18:15 H46
The impact of mechanical stresses on the ionic conductivity
of nanoparticles — ePETER STEIN', BAI-X1aNG XU, and KARSTEN
ALBe? — 1TU Darmstadt, FB 11, FG Mechanik funktionaler Materi-
alien — 2TU Darmstadt, FB 11, FG Materialmodellierung

Nanostructured electrodes have found wide application in electrochem-
ical systems, for instance for lithium-ion batteries. This is due to their
featuring short diffusion paths and large surface areas, allowing for
comparatively fast surface reactions and transport within the slender
bulk material. At this length-scale, surface stresses acting on the elec-
trode surface induce a (non-uniform) pressure within the material, pro-
viding mechanical stabilization. As a result, nanostructured electrodes
exhibit high reversible capacities and stable cycling behavior [1] as well
as a higher robustness against mechanical degradation [2]. However,
the surface-induced pressure field also affects the electrochemical be-
havior of the particle, modifying, among other things, surface reaction
rates and ionic mobility.

In this contribution, we discuss the interaction of mechanical stresses
with the electrochemical behavior of nanostructured electrode parti-
cles. We thereby consider ideal analytical shapes, faceted nanoparti-
cles, and regular nanostructures such as inverse opal electrodes. We
further demonstrate the impact of surface-stress-induced mechanical
fields on defect thermodynamics and kinetics, chemical reactions, and
phase transformations.

[1] N. Zhao et al., Pure Appl. Chem. 80:2283-2295, 2008. [2] C.K.
Chan et al., Nat. Nanotechnol. 3:31-35, 2008.
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CPP 16: Glasses and Glass Transition (joint session CPP /DY)

Time: Monday 16:15-17:30

CPP 16.1 Mon 16:15 HS8
A coarse-grained model for studying polymer melts toward
the glass transition point under cooling — eHsiao-Ping Hsu
and Kurr KREMER — Max Planck Institute for Polymer Research,
Mainz, Germany

For studying polymer melts of weakly semiflexible chains under cool-
ing at zero pressure by molecular dynamics simulations, a coarse-
grained model based on the standard bead-spring model is developed.
We introduce a short range attractive potential between non-bonded
monomers such that the pressure of polymer melts is tuned to zero.
Additionally, the common used bond-bending potential [Everaers et
al., Science 303, 823 (2004)| controlling the chain stiffness is replaced
by another new bond-bending potential. With our newly developed
model, we show that the Kuhn length and the internal distance of
chains in a melt are independent of temperatures under cooling. The
glass transition is probed by the volume change of polymer melts and
the slowing down of the mobility of chains. Thus, our coarse-grained
model can be served as an optimal model for studying glass-forming
polymer melts and understanding the effect of free surface on the glass
transition of thin polymer films.

CPP 16.2 Mon 16:30 HS8

Molecular Dynamics of Dipole Functionalized Triphenylene-

based Discotics — ®ARDA YILDIRIM', ANDREA BUHLMEYER?,
SHUNSUKE Havasur®, JoHANNES CHRISTIAN HAENLE?, KATHRIN
SENTKER?, PaTrick HUBER?, SABINE LascHAT?, and ANDREAS

ScuoNHALs! — !Bundesanstalt fiir Materialforschung und *priifung
(BAM), Unter den Eichen 87, 12205 Berlin, Germany — 2Institut
fir Organische Chemie, Universitdt Stuttgart, Pfaffenwaldring 55,
70569 Stuttgart, Germany — 3Department of Applied Chemistry, Rit-
sumeikan University, Kusatsu, Shiga 525-8577, Japan — *Materials
Physics and Technology, Hamburg University of Technology (TUHH),
21073 Hamburg, Germany

In this study, the molecular dynamics of a series of dipole function-
alized triphenylene-based discotics, forming a columnar mesophase,
were investigated by broadband dielectric spectroscopy (BDS). In ad-
dition to conductivity and localized dynamics, glassy dynamics were
also observed. At higher temperatures an al-processes and at low tem-
peratures an a2 processes were detected having a completely different
temperature dependence of its relaxation times. Different molecular
assignments of al- and a2-processes are suggested. The phase behav-
ior of the material was explored under helium purge down to 100 K
by differential scanning calorimetry (DSC). Besides the phase transi-
tion temperatures and enthalpies, one or two thermal glass transitions
were found for all the materials. Moreover, the glassy dynamics were
further investigated by Flash DSC, which is a chip-based calorimetry
technique allowing for fast heating and cooling rates as high as 10000K

CPP 16.3 Mon 16:45 HS8
System size-dependent non-affine displacements in a model
glass: the impact of yield strain — eMoumita MaiTi and AN-
DREAS HEUER — University of Muenster, Institute for physical chem-
istry, Corrensstr. 28/30, 48149, Muenster

The probability distribution of non-affine displacements has an expo-
nential tail, which is scaled with the system size. The scaling exponent
is zero for all strains below a critical value which turns out surprisingly
to be the overshoot strain. Above, the scaling exponent is finite. This
picture holds for the system size larger than approx. 4000 particles.
For small system size we find that the scaling exponent is finite and
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constant irrespective of any strain value. In order to understand these
two pictures we calculate the mobility correlation of nearest neigh-
bours. Around the mobility range where percolation of mobile parti-
cles takes place, the correlation increases again up to sizes of approx.
4000 particles and saturates above that size. This yields additional
insight into the physical mechanisms of yielding.

CPP 16.4 Mon 17:00 HS8
Tuning the Temperature-Dependent Thermal Conductivity
via Complex Colloidal Superstructures — FaBian Nutz and
eMarkUs RETscH — Physical Chemistry I, University of Bayreuth,
95447 Bayreuth, Germany

The ability to specifically tune the temperature dependence of the
thermal conductivity possess a vital challenge to develop and conceive
future heat management devices. In this contribution, we demonstrate
the vast potential of polymer colloidal crystals to address and mas-
ter these challenges. We achieve this goal based on the constriction
controlled thermal transport through well-defined colloidal crystal su-
perstructures.[1,2,3,4] These colloidal superstructures are specifically
built by tailor-made latex particles with distinct glass transition tem-
peratures. We exploit their multiresponsive film formation at various
temperatures to demonstrate unprecedented control over thermal con-
ductivity at temperatures between 25 °C and 200 °C. Based on the
film formation process, we can irreversibly increase the thermal con-
ductivity by a factor of about three. We show how to control: i) the
temperature, where the increase in thermal conductivity happens ii)
the sharpness of the thermal conductivity increase iii) the height of the
increase in thermal conductivity iv) the incorporation of a multistep
increase in thermal conductivity

[1] Nutz et al. J. Colloid Interface Sci. 2015, 457, 96. [2] Ruck-
deschel et al, Nanoscale 2015, 7, 10059. [3] Nutz et al, Phys. Chem.
Chem. Phys. 2017, 19, 16124

CPP 16.5 Mon 17:15 HS8
Direct Determination of the Thermodynamic Properties of
Melting for Amino Acids — eY.Z. Cuual, H.T. Do3, D.
Zarrsau?, S.P. Verevkin?, C. HeLp3, and C. Scuick! — 1Uni.
Rostock, Inst. Physics and CALOR, Rostock, Germany — 2Uni. Ro-
stock, Inst. Chemistry, Rostock, Germany — 3TU Dortmund Uni.,
Depart. Biochem. Chem. Eng., Dortmund, Germany

The properties of melting are used for the prediction of solubility of
solid compounds. Unfortunately, by using the conventional DSC or
adiabatic calorimetry direct determination of the melting enthalpy and
melting temperature is often not possible for biological compounds due
to the decomposition during the measurement. The apparent activa-
tion energy of decomposition is at least one order of magnitude smaller
than that of melting. This allows shifting of the decomposition process
to higher temperature without seriously disturbing the melting by ap-
plying very high heating rates. High scanning rates up to 2-10* K-s~1
are utilized with fast-scanning calorimeter Mettler Toledo Flash DSC1,
which employs thin film chip sensors with sub pJ- K~1 addenda heat
capacities. With the help of this technique the melting parameters for
a series of amino acids and dipeptides were successfully determined.
The ultra-fast cooling of the melted samples allows the studied com-
pounds to retain in the liquid state and to determine for the first time
its glass transition temperatures. The determined glass transition tem-
peratures agree with the Beaman-Kauzmann rule. The correlation be-
tween the melting properties of the amino acids and dipeptides with
their molecular structures were investigated.
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Topics: Active Matter (17.1-17.3); Biopolymers, Biomaterials and Bioinspired Functional Materials
(17.4-17.8); Charged Soft Matter, Polyelectrolytes and Ionic Liquids (17.9-17.17); Crystallization, Nu-
cleation and Self-Assembly (17.18-17.22); Electrical, Dielectrical and Optical Properties of Thin Films
(17.23-17.25); Glasses and Glass Transition (17.26-17.32); Interfaces and Thin Films (17.33-17.39);
Physics of Self-Organization in DNA Nanostructures (17.40-17.42); Polymer Networks and Elastomers

(17.43-17.44).
Time: Monday 17:30-19:30

CPP 17.1 Mon 17:30 Poster Bl
Translocation in Presence of Molecular Motors — eIMaN AB-
poLl, HIbDDE VUuuk, and ABHINAV SHARMA — Leibniz Institute for
Polymer Reseach

We study the assisted translocation of a polymer chain across a mem-
brane nano-pore, on one side of which there are molecular motors.
These motors can attach from the bulk on to the polymer, perform di-
rected motion on the chain, and can undergo detachment. We model
the directed motion of the motors using the Totally Asymmetric Ran-
dom Process (TASEP) and the attachment/detachment using Lang-
muir Kinetics (LK). We study, analytically and computationally, how
motors influence the rate of translocation of polymer chain across the
membrane.

CPP 17.2 Mon 17:30 Poster B1
Fabrication of ellipsoidal microswimmers with controllable
tip shape — eYara ALsaaDawl!, FERNANDO VazQUEz LUNAZ,
ANNA EicHLER-VOLF!, MARTIN STEINHARTZ, and ARTUR ERBE! —
Hnstitute of Ton Beam Physics and Materials Research, Helmholtz-
Zentrum Dresden-Rossendorf, 01328 Dresden, Germany — 2Institute
of Chemistry of New Materials and Center of Physics and Chemistry
of New Materials, Universitdt Osnabriick, 49076 Osnabriick, Germany

Microswimmers are objects capable of converting applied energy into
active motion, resulting in its propulsion in a medium. The shape and
chemical compound of the microswimmer strongly influence its propul-
sion properties. Here we investigate a template-based approach for
fabrication of particles with controlled composition, size, and shape,
which can be used as fundamental units for the preparation of mi-
croswimmers. Polystyrene nanorods with different configurations of
the tip shape were fabricated with an aspect ratio of 10:1. The ratio of
length-to-width (i.e. aspect ratio) can be easily modified by controlling
the surface properties of the template. The wettability transition of
polystyrene was used to manipulate the morphology and entrapment
of polymer nanostructures.

CPP 17.3 Mon 17:30 Poster Bl
Modeling the interaction of magnetically capped colloidal
particles — eMAXIMILIAN NEUMANN?!, SiBYLLE GEMMING!2, GABI
StrINBACH?, and ARTUR ERBE! — lInstitute of Physics, TU Chem-
nitz, D-09107 Chemnitz — 2Helmholtz-Zentrum Dresden - Rossendort,
D-01328 Dresden

Colloidal self-assembly bears significant potential for the bottom-up
fabrication of advanced materials and micromechanical structures. A
wide range of particles with different types of anisotropy have been
recognized as promising precursors for controlled structure engineer-
ing. Here, we concentrate on particles that interact via polar fields,
which are intrinsically anisotropic. More specifically, we focus on the
assembly of micron-sized silica spheres which are partly covered by
a thin ferromagnetic layer with an out-of-plane magnetic anisotropy.
To study assemblies of such magnetic particles, we introduce a simple
two-parameter model: The extended magnetization distribution is ap-
proximated by a current-carrying coil enclosed inside a hard sphere.
The far field of that current reproduces the stray field of a point dipole
model, the near field reflects an extended magnetization. Such a model
employs only two parameters to describe the shape of the magnetiza-
tion distribution: The radius and the position of the coil inside the
sphere. We present stable assemblies as a function of both parame-
ters. In the limit of very small coils the analytical solution for two
particles with shifted point dipoles is correctly reproduced. By in-
creasing the radius of the coil, we reproduce experimentally observed
particle arrangements not covered by models based on single shifted
dipoles.

CPP 17.4 Mon 17:30 Poster Bl
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Biopolymer templated titanium dioxide films prepared via
spray coating — eJuLiaN HeGerR!, WE1 CHEN!, SEBASTIAN
GroTT!, Xinvu Jianc!, Sicrip BERNSTORFF?, and PETER MULLER-
BuscuBaum! — 'TU Miinchen, Physik-Department, LS fiir Funk-
tionelle Materialien, 85748 Garching, Germany — 2Elettra-Sincrotrone

Trieste S.C.p.A., Trieste, Italy

Nanostructured titanium dioxide films have great potential for appli-
cation in photovoltaics, such as the inorganic counterpart in hybrid
solar cells. For this purpose, the film morphology has crucial influ-
ence on the device performance, since a high surface-to-volume ratio
is needed for efficient charge separation. So far, inorganic mesoporous
matrices are successfully achieved by sol-gel chemistry in combina-
tion with block copolymer directed templating. As a novel approach,
we use environmentally friendly biopolymers as tailoring agents. The
whey protein f-Lactoglobulin was found to form different structures
within denaturation, from fibrils to spheres. By combining heat de-
naturation at different pH and sol-gel chemistry, different nanosized
structures are introduced into titanium dioxide. The resulting sol-gels
are used as inks for film deposition via spray coating. After calcina-
tion to remove the biopolymer template, the film morphologies of the
remaining titanium dioxide scaffolds are investigated by grazing inci-
dence small-angle X-ray scattering (GISAXS). GISAXS measurements
are supplemented by scanning electron microscopy.

CPP 17.5 Mon 17:30 Poster B1
Water-Mediated Protein-Protein Interactions at High Pres-
sures are Controlled by a Deep-Sea Osmolyte — KARIN
Jurius!, Jonarnan WEINE!, Nico Konig!, Mmmr Gao?, Jan
LaTarius!, eMicHAEL Paurus!, MARTIN A. ScHROER®, METIN
Toran?, and RoLanp WINTER? — lFaculty of Physics/DELTA,
TU Dortmund University, 44221 Dortmund, Germany — 2Faculty
of Chemistry and Chemical Biology, TU Dortmund University, Otto-
Hahn-Strasse 4a, 44227 Dortmund, Germany — 3European Molecular
Biology Laboratory (EMBL) Hamburg c/o DESY, Notkestrasse 85,
22607 Hamburg, Germany

Living cells accumulate organic osmolytes to high concentrations as
adaptive response towards external stressors such as dehydration,
freezing, salinity or high hydrostatic pressure as encountered in the
deep sea. The mechanisms of protein stabilization and the linkage to
the intermolecular interactions between proteins in the cellular milieu
at ambient as well as at elevated pressures are still largely terra incog-
nita. Herein, we study the impact of natural osmolyte mixtures on the
pressure dependent intermolecular pair-interaction potential of dense
protein solutions by applying small-angle X-ray scattering in combina-
tion with a liquid-state theoretical approach. Particularly, the presence
of the deep-sea osmolyte TMAO guarantees the sustainability of the
native protein fold under harsh environmental conditions. Further, we
find a strong interplay between water and osmolyte in controlling the
water-mediated intermolecular interactions at high pressure, thereby
preventing contact formation and hence aggregation of proteins.

CPP 17.6 Mon 17:30 Poster B1
Towards biomimetic carbon nanomembranes — eRAPHAEL
DaLpkie!, ANNA DREYER?, THORSTEN SEIDEL?, ANDRE BEYER!,
KarL-Joser DieTz?, and ArMIN GoOLzHAUSER! — !Physics of
Supramolecular Systems and Surfaces, Faculty of Physics, Biele-
feld University, Universitéatsstrafte 25, 33615 Bielefeld, Germany. —
2Biochemistry and Physiology of Plants, Faculty of Biology, Bielefeld
University, Universitatsstrafle 25, 33615 Bielefeld, Germany.

Cell membranes are a prerequisite for life. Incorporated membrane pro-
teins facilitate the transfer of substances. To explore the mechanisms
of vectorial transport across cell membranes, an ultrathin, biomimetic
system is desirable which allows the controlled integration of proteins.
Here, we present different strategies to immobilize proteins with high

1
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affinity on carbon nanomembranes (CNMs). Covalently bonded aro-
matic precursor molecules form self-assembled monolayers (SAMs) on
metal surfaces. After the irradiation with low energy electrons (100
eV) these cross-link to mechanically stable, chemically inert, and per-
meable CNMs with a typical thickness of around 1 nm which can be
transferred onto any arbitrary substrate for further usage [1]. In par-
ticular, we discuss functionalization strategies for reversible as well
as for irreversible protein immobilization. The basis of the reversible
type is the non-covalent interaction of streptavidin and biotin which
can be released by d-desthiobiotin. The irreversible type is based on
the maleimide coupling chemistry, where a stable thioether bond is
formed.

[1] A. Turchanin and A. Golzh&user, Carbon Nanomembranes, Ad-
vanced Materials, 2016, 28 (29), pp. 6075-6103.

CPP 17.7 Mon 17:30 Poster Bl
Biomimetical Surfaces for Pollutant Separation — eSEBASTIAN
SteELZNER!, DAGMAR VoiaT?, BERNHARD ALEXANDER GLaTz!, and
ANDREAS FERY! — lLeibniz-Institut fiir Polymerforschung, Dresden,
Germany — 2Institut fiir Botanik, Technische Universitit Dresden,
Germany

The cuticula is a main part of the evolutionary progress of terrestrial
plants. It consists of an insoluble polymer fraction and a soluble lipid
(wax). Those waxes are crystalloid micro- and nanostructures with a
high structural and morphological diversity and can rearrange in a self-
organized manner. The platelets, tubules, filaments etc. are forming
based on their chemical composition and share the ability to regener-
ate. In order to utilize those properties, structured polymer substrates
are produced with the target of adhesion and recrystallization of va-
porized plant waxes. By tuning the chemical properties of the waxes
as well as the surficial ones of the substrates, the shape and orienta-
tion of the crystals can be manipulated to the intended usage. In this
project, environmental pollutant adhesion is targeted. The influence
of surface-structured polymers on the wax crystallization is compared
to flat substrates and the difference in grade of adhesion is analyzed
and quantified. The aim is to generate an optimized material adhe-
sion system. By separation and regeneration of the waxes or by the
use of embedded catalysts, harmful air contaminants are sought to be
decimated.

CPP 17.8 Mon 17:30 Poster B1
Secondary structure analysis of xanthan using atomic force
microscopy — eJENNY Fyoporoval, JuLia Voss?, GERD HUBLIK?,
VERA ORTSEIFEN?, KARSTEN NieHAUs?, VOLKER WALHORN',
and DARIO ANSELMETTI' — !Experimental Biophysics and Ap-
plied Nanoscience, Bielefeld University, Germany — 2Proteome
and Metabolome Research, Bielefeld University, Germany
3Jungbunzlauer Austria AG, Pernhofen 1, 2064 Wulzeshofen, Austria

Xanthan is an extracellular polysaccharide, secreted by the bacterium
Xanthomonas campestris. Due to its unique viscosifying properties
over a wide range of salt concentrations, xanthan has numerous in-
dustrial applications e.g. in food, cosmetic or oil industry. Therefore,
the optimisation of xanthan production and its rheological properties
is of particular interest. Targeted genetic modification of the Xan-
thomonas metabolism and subsequent change of salt concentrations
can be a powerful tool to optimise the shear-thickening potency and
to improve the xanthan production efficiency.

Using atomic force microscopy (AFM) imaging and single molecule
force spectroscopy (SMFS), we analysed the structure and the elastic
characteristics of single xanthan polymers, which were produced by
different Xanthomonas strains. We identified structures ranging from
single-stranded coiled networks to branched double-strands. Taking
into account the varying ability to form double-strands and differences
in the bending stiffness, we observed a correlation between the for-
mation of secondary structures and its resulting different viscosifying
properties.

CPP 17.9 Mon 17:30 Poster Bl
Structure of Ionic Liquid Mesophases inside Nanopore Con-
finement — e ANDRE UrTes!, JuLiAN MARs!2, KATHRIN SENTKERS,
MiLENA LippMANN?, ForiaN BerTram?, Parrick HUBER?®, and
Magrkus MEzGER!2 — 1Max Planck Institute for Polymer Research,
Mainz — 2Institute of Physics, Johannes Gutenberg University Mainz
— 3Institute of Materials Physics and Technology, Hamburg Univer-

sity of Technology — *DESY Photon Science, Hamburg

Tonic liquids composed of cations with long aliphatic side chains ex-
hibit so-called microphase separation leading to structural hetero-
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geneities on the nanometer length scale. Depending on their molecular
structure, short range order as well as thermodynamically metastable
and stable liquid crystalline (LC) mesophases have been observed
[1]. Interfaces can strongly affect their phase stability and rela-
tive orientation [2]. In this work, the orientation and phase behav-
ior of [C22C1im]*[NTfz]~ inside anodized aluminum oxide (AAO)
nanopores was investigated by X-ray scattering. Here, confinement
can stabilize phases not observed in bulk. Depending on pore diameter
and surface functionalization different orientations of the LC director
relative to the pore axes were observed.

[1] H. Weiss et al., J. Phys. Chem. B, 121, 620 (2017).

[2] J. Mars et al., Phys. Chem. Chem. Phys., 19, 26651 (2017).

CPP 17.10 Mon 17:30 Poster Bl
Influence of hydrocarbons on the bulk and surface struc-
ture of ionic liquids — eJuLiaN Mars!h2, HENnING WEIss!, VELJO
HonkIiMAKI?, BRIDGET MURPHY®®, MaRrkUs BIEr®7, and MARKUS
MEzGERY 2 — Max Planck Institute for Polymer Research, Mainz —
2Institute of Physics and MAINZ Graduate School, Johannes Guten-
berg University Mainz — 3ESRF The European Synchrotron, Greno-
ble — “Institute of Experimental and Applied Physics, Kiel University
— 5Ruprecht Haensel Laboratory, Kiel University — $Max Planck In-
stitute for Intelligent Systems, Stuttgart — ’University of Applied
Sciences Wiirzburg-Schweinfurt

In supported ionic liquid (IL) phase catalysis, knowledge of the in-
terfacial structure is essential to understand diffusion of reactants and
products across IL/vapor interfaces. ILs composed of cations with long
aliphatic side chains exhibit mesoscopic order and liquid crystalline
mesophases. The solvate affinity to the ionic- and aliphatic domains
of such ILs can strongly affect their structures adjacent to IL/vapor
interfaces. We employ X-ray scattering techniques to investigate the
bulk and near surface structure on the molecular length scale. For
increasing alkane concentrations, we observe a shift of the first sharp
diffraction peak to lower g-values. Originating from the mesoscopic
order, this signature indicates aggregation of the non-polar alkanes in
the aliphatic domains. Simultaneously, ionic liquid crystal transition
temperatures decrease. At the surface, we observe the formation of
adsorbate layers and surface induced smectic order.

CPP 17.11 Mon 17:30 Poster Bl
Hydration forces on mica-electrolyte interfaces and their
ion specificity — SiMoNE vaN Lin!, Icor SIRETaNU!, eKaARA K.
GroTz2?, NADINE Scuwierz?, and FRIEDER MUGELE' — !Physics
of Complex Fluids Group and MESA+ Institute, Faculty of Science
and Technology, University of Twente, Enschede, The Netherlands —
2Department of Theoretical Biophysics, Max Planck Institute of Bio-
physics, Frankfurt am Main, Germany

Hydration forces play a fundamental role for a wide range of biologi-
cal, chemical, and physical phenomena as they control the formation or
prevention of direct contact between any kind of dissolved molecules or
suspended particles in water. Here, we study the hydration of mica sur-
faces in contact with pure water as well as with aqueous alkali chloride
salt solutions. Using molecular dynamics simulations in combination
with atomic force micoscropy experiments, we demonstrate that hy-
dration forces generally consist of both a monotonically decaying and
an oscillatory part, each with unique dependence on the specific cation.
In measurements, the monotonic hydration force gradually decreases
in strength with decreasing ion size, leading to a transition from an
overall repulsive (Lit) to an overall attractive (Cs™) total force. In
simulations, the presence of strongly hydrated cations (Li*) hardly
disturbs the water structure, whereas weakly hydrated cations (Cs™)
suppress the pronounced layering of water at the interface, as well as
the oscillatory part of the measured hydration force.

CPP 17.12 Mon 17:30 Poster Bl
Correlated ion motion in lithium bis(trifluoromethane-
sulfonyl)imide — glyme solvate ionic liquids: Atomistic in-
sights from molecular dynamics simulations — eANDREAS
TruMm!, Dippo Dippens?, and ANDrREAas HEUEr! — !Institut fiir
Physikalische Chemie, Westfilische Wilhelms-Universitdt Miinster,
Corrensstrafe 28/30, 48149 Miinster, Germany — 2Helmholtz-Institut
Miinster (IEK-12), Forschungszentrum Jiilich GmbH, Corrensstrafie
46, 48149 Miinster, Germany

Motional coupling of ions strongly influences the ionic conductivity
of electrolyte solutions and ionic liquids (ILs). In both, the over-
all anticorrelated motion of like-charged ions reduces the conductivity
compared to the ideal Nernst-Einstein conductivity. In electrolyte so-
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lutions, the overall correlated motion of opposite-charged ions lowers
the conductivity, too. Contrary, in ILs this motional coupling is overall
anticorrelated and enhances the conductivity.

To see how dynamic ion correlations evolve in time and space,
we performed molecular dynamics simulations of mixtures of lithium
bis(trifluoromethanesulfonyl)imide with glymes. These mixtures are
known to form solvate ionic liquids (SILs) if mixed in a 1:1 molar ra-
tio. The mixtures investigated here had molar ratios of 2:1, 3:2, 1:1,
1:2, 1:4 and 1:8, covering highly concentrated solutions, SILs and con-
ventional solutions. We found that regarding the motional ion coupling
the 2:1, 3:2, 1:1 and 1:2 mixtures behave like conventional ILs, whereas
the 1:4 and 1:8 mixtures behave like conventional electrolyte solutions.

CPP 17.13 Mon 17:30 Poster Bl
A mechanistic understanding of lithium ion transport in
ternary electrolyte systems — eALINA WETTSTEIN!, Dippo
Dippens?, and ANDREAs Heuer':? — lInstitut fiir Physikalis-
che Chemie, Corrensstrafse 28-30, 48149 Miinster, Germany —
2Helmholtz-Institut Miinster (HI MS), Corrensstrafe 46, 48149 Miin-

ster, Germany

With regard to methodologically enhancing the electrolyte functional-
ity, and hence the ionic conductivity as a crucial indicator, a profound
understanding of the correlated ion motion is essential. For binary
ionic liquid systems it has been shown that the motional coupling be-
tween ions is determined to a large extent by the conservation of mo-
mentum, concurring with simple theoretical relations for transference
numbers that serve as a guideline for optimizing the electrolyte [1,2].
Inspired by this work, we perform Molecular Dynamics (MD) simula-
tions to unravel the complex, and rather counterintuitive, interplay of
dynamical electrostatic correlations in a ternary ionic liquid - lithium
salt mixture, which contribute to the overall conductivity. From sys-
tematic analysis of a variety electrolyte compositions we try to identify
key parameters that quantify the microscopic transport properties and
serve as a constructive optimization concept.

[1] H. Kashyap et al., J. Phys. Chem. B, 2011, 115 (45), pp 13212-
13221

[2] D. Diddens, V. Lesch and A. Heuer, Correlated Motion in Ionic
Liquids. To be submitted., 2018

CPP 17.14 Mon 17:30 Poster Bl
Foam film properties of NaPSS/C14TAB-mixtures: Effect of
added Salt — eKEvIN GRAFF, LARIssA Braun, and REGINE voN
Kritzing — Technische Universitat Darmstadt, Soft Matter at Inter-
faces, Darmstadt, Germany

The properties of foams are of interest in many applications such as
food technology, firefighting and in personal care products. To under-
stand the properties of macroscopic foams it is important to investigate
the single building blocks of it the so-called foam films, which separate
the air bubbles from each other. Mixtures of oppositely charged poly-
electrolytes and surfactants are widely used in industrial applications
as they form highly surface active complexes. Many studies focus on
different surfactant, different polyelectrolytes and their rations. How-
ever, the influence of the ionic strength - especially on the foam films
- is still unclear. In this work, we use a thin film pressure balance
(TFPB) to study the foam films of NaPSS/C14TAB-mixtures in terms
of the disjoining pressure inside the foam films, the surface potential
at the air/water interface and the foam film stability. We add NaBr
(the combination of the two counterions) to get insights on the effect
of the ionic strength on the foam film properties.

CPP 17.15 Mon 17:30 Poster Bl
Incorporating chemical reactivity into classical molecular dy-
namics simulations — eMyRra BIEDERMANN!, Dibpo DippDENS!Z,
and ANDrREAs HEUER!:? — lInstitute of Physical Chemistry, Univer-
sity of Miinster — 2Helmholtz-Institut Miinster

We aim at developing a simulation method that incorporates chemical
reactivity in a simple but realistic manner while retaining the time
and length scales of standard molecular dynamics (MD) simulations.
Our methodological approach is inspired by work of Takenaka et al.
[1]. There, reactive steps in form of Monte Carlo (MC) steps are intro-
duced in addition to the standard MD steps in order to model chemical
reactions within the system. Our specific realisation of those reactive
steps differs from those in [1] inasmuch as it also uses information
about the kinetics of the reactions (e.g. reaction rates) instead of only
thermodynamic informations (e.g. reaction enthalpies). We use exten-
sive ab initio molecular dynamics simulations to validate our approach
as well as to estimate the required reaction rates which are used in the
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reactive molecular dynamics simulations.

This work is motivated by research on lithium ion batteries, more
specifically by investigations regarding the molecular transport and
reaction processes at the interface between electrode and electrolyte
which lead to the initial formation of a Solid Electrolyte Interphase
(SEI) and the formation of dendrites.

[1] N. Takenaka, Y. Suzuki, H. Sakai und M. Nagoaka, The Journal
of Physical Chemistry C, pp. 10874-10882, 2014

CPP 17.16 Mon 17:30 Poster Bl
Protein condensation in the presence of lanthanide metal
ions: relating local structure at the metal centres to phase
behaviour — eOLcA MaTsarskaial, SIN-YUEN Cuanag?, FELIX
RooseN-RUNGE?, STEPHEN PARRY2, GIANNANTONIO CIBINZ, FAJUN
Zuanc!, SveN L. M. ScuroepErR?, and FRANK ScCHREIBER! —
LUniversitat Tiibingen, Germany — 2Diamond Light Source Ltd, Did-
cot, UK — 3Lund University, Sweden — *University of Leeds, UK

Multivalent salts, e.g. YCl3, have been shown to induce a liquid-liquid
phase separation with a lower critical solution temperature (LCST-
LLPS) in aqueous solutions of bovine serum albumin (BSA), provi-
ding an intriguing experimental framework for a comprehensive study
of LLPS in proteins. Here, we attempt to connect the different levels
of the description of LCST-LLPS from molecular-level to macroscopic.
To this end, we examine the local chemical environment of the Y3+
cations using extended X-ray absorption fine-structure (EXAFS) spec-
troscopy. The EXAFS data show that the Y3* coordination number
(CN) decreases with increasing protein concentration and temperature
due to the partial substitution of hydration water molecules around the
Y3+ cations by protein carboxyl groups upon Y3+ coordination by the
protein. The results of this study thus provide molecular-level evidence
that hydration effects are key to LCST-LLPS in systems of BSA and
multivalent salts.

CPP 17.17 Mon 17:30 Poster Bl
Thermophoresis of a single colloidal particle — eDANIEL BEN-
JAMIN MAYER and TrHomas FranoscH — Institut fiir Theoretis-
che Physik, Lepold-Franzens Universitéat, Technikerstrafte 21A, A-6020
Innsbruck, Austria

We want to address the problem of a single charged colloid immersed
in an electrolyte solution. In the presence of a temperature gradi-
ent, electrical body forces are no longer counter balanced by pressure
gradients, thereby inducing solvent flow and a directed motion of the
colloidal particle. In the limit of small temperature gradients, we nu-
merically solve the associated field equations, including the non-linear
Poisson-Boltzmann equation for the electrical potential and the steady
Stokes equation governing the fluid flow.

The aim to calculate the thermal mobility is accompanied by difficul-
ties since it appears as a boundary condition in the governing electro-
kinetic equations. However a decomposition of the problem into two
auxiliary ones simplifies this task considerably. Furthermore we also
examine the dependence of the thermal mobility on the surface poten-
tial and the Soret coefficient of the different ions in the electrolyte.

CPP 17.18 Mon 17:30 Poster Bl
Nano-confinement on chain alignment and crystallization of
conjugated polymers P3HT and PffBT4T-20D by printed
mesoporous TiO2 photoanodes — eNiaN L1, Lin Song, NITIN
SaxeNa, WEI Cao, XiNYU JianNGg, and PETER MULLER-BUsSCHBAUM
— TU Miinchen, Physik-Department, LS Funktionelle Materialien,
James-Franck-Str. 1, 85748 Garching

Control of n-type inorganic morphology, chain orientation and crystal-
lization of the donor polymers is of significance in hybrid solar cells.
Here, we use slot-die printing combined with wet chemistry to fabri-
cate controllable mesoporous TiO2 nanostructures in large scale. Sub-
sequently, the mesoporous TiO2 films with different pore size are back-
filled with P3HT and PffBT4T-20D, respectively, using two different
ways of infiltration. TiO2 film morphology is investigated by scanning
electron microscopy (SEM) and grazing incidence small-angle X-ray
scattering (GISAXS). In order to investigate the effect of TiO2 pore
size on the crystalline properties of the conjugated polymers P3HT
and PIBT4T-20D, e.g. lattice distance, crystal size or orientation,
grazing incidence wide-angle X-ray scattering (GIWAXS) is applied to
probe the hybrid films. Both P3HT and PffBT4T-20D crystals with
a denser packing of polymer chains exist in the large pore size of TiO2
films. For backfilling with PEBT4T-20D, the face-on to edge-on ratio
also prefers in the large-pore active layer.
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CPP 17.19 Mon 17:30 Poster Bl
Time-resolved X-ray scattering for the study of colloidal thin
films — eCHRISTOPHER GREVE!, MIicHAEL BucuHORN!, DINESH
KuMar?, GUILLAUME FREYCHET?, ALEXANDER HEXEMERZ?, LuTz
WieGART?, and Eva M. Herzig! — !Universitit Bayreuth, Univer-
sitdtsstr. 30, 95447 Bayreuth, Germany — 2ALS, Lawrence Berkley
National Lab, 1 Cyclotron Road, Berkeley CA 94270, USA — 3NSLSII,

Brookhaven National Lab, Brookhaven Avenue, Upton NY, USA

X-Rays are a useful tool to investigate the dynamics and the mor-
phology of hard and soft condensed matter. Synchrotron radiation
makes it possible to probe short length scales (< 100 nm) and long
time scales (>10"% s). To obtain information about the underlying
dynamics, during thin film formation, time-resolved measurements are
investigated. We investigate slot-die coated thin films in situ in grac-
ing incident geometry to gain insights into the underlying processes of
thin film formation. For printing, an up-scalable printer setup is used
and as a model system a drying colloidal suspension is examined. Such
suspensions are widely used to investigate lattice growth, which is a
technologically important research topic (e.g. programmable matter).
As a model system, silica nanospheres are used. These feature under
solvent evaporation a Kirkwood-Alder transition from amorphous to
crystalline FCC thin films via an intermediate glass phase. In addition,
a known Bain transition from FCC to BCC can take place under an-
nealing. Using different experimental settings, we systematically study
the effect of multiple scattering on the extracted dynamics of drying
thin films to investigate the mentioned transitions.

CPP 17.20 Mon 17:30 Poster Bl
Stabilization of tubular J-aggregates by silica coating for use
in dry environment — e KATHERINE HERMAN, HoLM KIRMSE, JUR-
GEN P. RABE, and STEFAN KIRSTEIN — Humboldt Universitit zu
Berlin, Institut fiir Physik

The amphiphilic cyanine dye C8S3 is known to self-assemble in aque-
ous solution into tubular J-aggregates with a diameter of 13 nm and
lengths exceeding microns. Their optical spectra are dominated by
exciton bands which are very sensitive to structural changes. A major
disadvantage of these aggregates is their low stability during drying.
Here we use a coating of a thin layer of silica to stabilize these ag-
gregates. In earlier work [1] shells of silica with controlled and homo-
geneous thickness of a few nanometer were synthesized around these
aggregates without disrupting their optical spectra and hence their J-
aggregate character. It is demonstrated here that these silica coatings
mechanically and chemically stabilize the C8S3 J-aggregates and al-
low them to survive not only drying under ambient, but also under
vacuum conditions of an electron microscope. Transmission electron
microscope images confirm that the thickness of the silica coatings is
5 nm or less and energy dispersive X-ray spectroscopy confirms the
presence of true silica. Emission spectra of dried silica coated samples
indicate that the molecular structure of the aggregates is preserved
and photobleaching under ambient conditions is significantly reduced.

[1] Y. Qiao, F. Polzer, H. Kirmse, S . Kirstein, and J.P. Rabe, Chem.
Commun. 51, 11980 (2015)

CPP 17.21 Mon 17:30 Poster Bl
Crystallization kinetics in colloidal hard spheres via real
space analysis using Confocal microscopy — eSaHANA KALE
and Hans JoacHiM ScHOPE — Institut fiir Angewandte Physik, Uni-
versitdt Tibingen, Germany

The nucleation rate densities from experimental and theoretical data
diverge by several orders of magnitudes and the curves are qualita-
tively different. Ome of our research goals is to find the underlying
reason for this discrepancy, if there is any.

Crystallization of meta-stable colloidal hard sphere suspensions is
studied in real space using laser scanning confocal microscopy. Direct
imaging in three dimension offers the unique possibility to observe crys-
tal nucleation and growth on particle level giving detailed information
about the fluid to crystal phase transformation

Keywords: Colloids, Confocal microscopy, Nucleation, Crystalliza-
tion

CPP 17.22 Mon 17:30 Poster Bl
Surface Preparation of Ice Single Crystals — eMARKUS
Barzer!':?, JENEE CyRAN!, MARc-JAN VAN Zaper!, ELLeN H. G.
Backus!3, and Markus MezGerD2 — Max Planck Institute for
Polymer Research, Mainz — 2Institute of Physics, Johannes Guten-
berg University Mainz — 3Department of Physical Chemistry, Univer-
sity of Vienna
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Experiments in surface science often require samples made of high
quality single crystals with surfaces containing little defects. However,
at temperatures of around —10°C, ice is a comparatively ductile ma-
terial, making surface preparation challenging. We studied the near
surface structure of ice single crystals prepared by different protocols
using high resolution X-ray diffraction. Analysis of the diffraction data
revealed that mechanical treatment can introduce distortions ranging
up to several millimeters inside the bulk ice.

CPP 17.23 Mon 17:30 Poster Bl
Post-treatment of thermoelectric polymer thin films to influ-
ence their thermoelectric properties — e ANNA-LENA OECHSLE,
NiTiN SAXENA, and PETER MULLER-BuscHuBaum — TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching,
Germany

Thermoelectric materials are of great interest in terms of waste heat
recovery and the use of solar thermal energy. Especially thermoelectric
polymers are attractive, as they own some advantages over so far used
inorganic thermoelectric materials, such as low cost, high mechanical
flexibility, low or no toxicity, light weight and intrinsically low ther-
mal conductivity. A way to evaluate the thermoelectric property of a
material is the power factor PF=S2¢. This parameter depends on the
Seebeck coefficient S and the electrical conductivity o, which again are
affected by the electronic and morphological features of the polymer.
In order to investigate ways to influence these features and improve
the power factor, we fabricate thin semi-conducting polymer films and
post-treat them in different ways. With measurements of the Seebeck
coefficient, the electrical conductivity, UV-Vis, layer thickness changes
and determination of the structure we attempt to find a morphology-
function relation.

CPP 17.24 Mon 17:30 Poster Bl
Electrically conductive multilayer films created from carbon
nanotubes and polyelectrolytes — eSvEN NEUBER, ANNEKA-
TRIN SiLL, HEiko AHRENS, and CHRISTIANE A. HELM — Institute
of Physics, University of Greifswald, 17489 Greifswald, Germany

Films built from polyelectrolytes PSS, PDADMAC in 0.1 Mol/L NaCl
and carbon nanotubes are investigated. Multilayer built-up was carried
out by sequential adsorption of oppositely charged polyelectrolytes.
Carbon nanotubes were modified with a volume/volume acid mix-
ture (HNO3 (60-68%) and H2S04 (98%)) to make them water soluble
and negatively charged. AFM-images revealed a horizontal orientation
of carbon nanotubes on the surface of the multialyer. Also, UV-vis,
QCM and ellipsometry measurements were used to determinate sur-
face coverage and thickness on nm-scale. Sheet resistance decreases
monotonously with the number of carbon nanotube layers. Choosing
the multilayer architectures allows to tune its sheet.

CPP 17.25 Mon 17:30 Poster Bl
A new wafer scale deposition concept for 2D photoactive
Bismuth/Bismuth(hydr)oxide multilayers for energy harvest-
ing and environmental sensors — eSEBASTIAN RUNDE, CHRISTIAN
VON SaviGNY, and CHRISTIANE A. HELM — Institute of Physics, Uni-
versitdt Greifswald, Felix-Hausdorff-Str. 6, 17489 Greifswald

We present a transparent and photoactive multilayer consisting of ul-
trathin Bismut/Bismuth(hydr)oxide (Bi/BiOxHy) layers, prepared on
glass substrates by induced break-up after forced wetting. A 3 nm thick
monolayer is electrically isolating, transparent and laterally homoge-
neous. Multilayers are photoactive. The electric conductivity increases
spontaneously with light intensity, it depends weakly on temperature
and relative humidity. Thus, the sheet resistance can be tuned be-
tween 10 and 350 k2. To test long-term stability, the electric conduc-
tivity of the multilayer was measured in dependence of the local solar
radiation. Fast-Fourier-Transformation of this time dependent sheet
resistance shows a dominating cycle duration of ca. 24h.

CPP 17.26 Mon 17:30 Poster Bl
Dynamics upon arrest in protein solutions with LCST phase
behavior — eANasTasiA RacuLskaval, Narisa Becam!, ANITA
GIreLLI', HENDRIK RAHMANNZ, FaJuN ZHANG!, CHRISTIAN GUTTZ,
TuoMmas ZINN? | and FrRank ScHREIBER! — ! Universitét Tiibingen —

2Universitit Siegen — 3ESRF

Dynamically arrested states can occur as a result of an interplay of
liquid-liquid phase separation (LLPS) and glass formation in protein
and colloidal systems. We use a model system of bovine serum albumin
(BSA) with YClz which shows LLPS and a lower critical solution tem-
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perature (LCST) phase behavior [1]. Following a temperature jump
(T-jump) the protein-rich phase undergoes an arrested spinodal de-
composition. Growth kinetics of a characteristic length as a function
of time, observed using ultra-small angle X-ray scattering, shows a
transition to an arrested state at high temperatures. Here, we investi-
gate the dynamics of LLPS approaching the arrested state using X-ray
photon correlation spectroscopy (XPCS). The analysis of two-time cor-
relation functions obtained from XPCS shows compressed exponential
dynamics in the temperature range ~ 45 — 50°C, with further transfer
to stretched dynamics beyond 52.5°C. This may be treated as a tran-
sition from a superdiffusive to an intermittent dynamics of a glassy
state. The dramatic jump of the characteristic relaxation time 7 con-
stant with ¢ indicates the emergence of an arrested state above 52.5°C,
but below thermal denaturation (60°C). For each T-jump, 7 first in-
creases, then becomes faster again before the system gets arrested.

[1] O.Matsarskaia et. al., Phys. Chem. B, 120, 5564, 2016.

CPP 17.27 Mon 17:30 Poster Bl
Heterogeneous dynamics in an arrested state in a pro-
tein system — eoANITA GIrRELLI', NAFsA Brcam!, ANASTA-
siA RacuLskayal, HENDRIK RAHMANN2, FABIAN WESTERMEIER?,
CHurisTIAN GutT?, FAJUN ZHANG!, and FRANK ScCHREIBER!
LUniversitat Tiibingen, Germany — 2University of Siegen, Germany

— 3Petra III,DESY, Germany

In protein solutions, the interplay between LLPS and glass forma-
tion can lead to an arrested state. So far, little is known about the
dynamic properties of the arrested state. Here we show the collec-
tive dynamics using XPCS for a protein-PEG system. The protein
employed here is vy-globulin. PEG (polyethylene glycol) permits the
attraction between the protein through depletion. The system has a
upper critical solution temperature (UCST), and in a previous study
the coarsening kinetics after quenching was studied with USAXS and
USANS [1]. The results show that the size of the domains remains
constant with time at very low temperatures (below glass transition)
indicating that the system enters an arrested state. Here we find that
the system close to the arrest shows lower relaxation times compared
to the one where a complete phase separation occurs. The dynamics in
the arrested state shows strong heterogeneity which increases with the
quench depth. The results indicate the presence of cooperative domain
motion, suggesting that the enhancement of cooperativity leads to the
arrest at low temperatures.

[1] Da Vela et al., Soft Matter, 13, 8756, 2017

CPP 17.28 Mon 17:30 Poster Bl
Effect of shear on relaxation dynamics in glass-forming sys-
tems close to the glass transition — eLAWRENCE SMITH, DARIO
MauTtH, GERHARD WILDE, and ANDREAS HEUErR — Westfalische
Wilhelms-Universitat, Miinster, Germany

In ongoing experimental work on bulk metallic glasses, it has been ob-
served that deformed samples may exhibit a higher relaxation enthalpy
than an undeformed reference sample as measured by differential scan-
ning calorimetry.

We investigate this effect using molecular dynamics (MD) simula-
tions of a mixture of binary Lennard-Jones particles. The deformation
of this model glass former is known to exibit a stress overshoot and
shear-bands as observed in experimental bulk metallic glasses and is
therefore appropriate to qualitatively reproduce these results and shed
light on the underlying mechanisms.

The analysis of the underlying potential energy landscape of small
systems has been shown to yield quantitative information on the sys-
tems dynamics in MD simulations in equilibrium. We use these same
methods to investigate the relaxation from a deformed sample and an
undeformed non-equilibrium sample close to the glass transition, and
observe a crossing in the potential energy curves during relaxation.

Any anisotropy in the deformed sample vanishes before significant
relaxation processes take place, ruling it out as a major factor on the
relaxation. In larger samples we find a long lived local density modu-
lation that may enable different mechanisms for the relaxation to take
place in deformed and undeformed samples.

CPP 17.29 Mon 17:30 Poster Bl
How coupled elementary units determine heterogeneity in
macroscopic glass-forming systems — eLAWRENCE SMmITH and
ANDREAS HEUER — Westfilische Wilhelms-Universitat, Miinster, Ger-
many

Elementary units of a binary Lennard-Jones glassformer can be iden-
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tified through quantitative analysis of its underlying potential energy
landscape. These units can be fully understood within the continuous
time random walk formalism and are found to contain the complete in-
formation concerning thermodynamics and diffusivity, while displaying
finite size effects with respect to relaxation times and spacial correla-
tions [1].

Previous research has shown that it is possible to identify major con-
tributions to the non-Gaussian parameter as arising from the moments
of the waitingtime distribution for jumps between metabasins of the
potential energy landscape [2].

We investigate the impact of a coupling between elementary units on
the non-Gaussian parameter (NGP) to gain insight into mechanisms
underlying the emergence of dynamic heterogeneity as measured in the
NGP and four-point correlation functions in the stochastic model as
well as in molecular dynamics simulations.

[1] C. Rehwald, A. Heuer, Phys. Rev. E 86, 051504 (2012)

[2] C. Schréer, A. Heuer, Phys. Rev. Lett. 110, 067801 (2013)

CPP 17.30 Mon 17:30 Poster Bl
Impact of incorporating ultrastable glass layers on device
efficiency and stability of organic light-emitting diodes —
eELISABETH BIrGIT ScuwaRz!, PAuL-ANTON WILL!, JoAN RAFOLS-
RiBEZ, CHRIsTIAN HiNiscH!, MARTA GONZALEZ-SILVEIRAZ, SIMONE
Lenk!, JaviER RODRIGUEZ-VIEJO2, and SEBASTIAN REINEKE! —
IDresden Integrated Center for Applied Physics and Photonic Materi-
als (IAPP) and Institute for Applied Physics, Technische Universitét
Dresden, Germany — 2Group of Nanomaterials and Microsystems,
Universitat Autonoma de Barcelona, Spain

For current and future applications of organic-light emitting diodes
(OLEDs), high device efficiency and stability are required. Addition-
ally, to keep the process of making OLEDs competitive in the real
production, simple device architecture and reproducibility are crucial.
In this work, we present the incorporation of ultrastable glass layers
in OLEDs as a concept that does not require material refinement or
changes in stack architecture and is hence suggested to be generally
applicable. At the same time, it allows to increase both, external quan-
tum efficiency and lifetime of the OLEDs, by more than 15% compared
to reference devices. This enhancement is achieved by fabricating sev-
eral of the functional organic layers as ultrastable glasses through ad-
justing the substrate temperature and hence the growth conditions
during physical vapor deposition. Ultrastable glasses appear as ther-
modynamically most favorable state and, thus, most stable molecular
conformation in disordered solids achievable nowadays. We present de-
tailed studies for OLEDs with four different phosphorescent emitters.

CPP 17.31 Mon 17:30 Poster Bl
Multiple Glassy Dynamics of an Asymmetric PVME/PS
Blend Investigated by Broadband Dielectric and Specific
Heat Spectroscopy — ePAULINA SzZYMONIAK, SHERIF MADKOUR,
and ANDREAS SCHONHALS — Bundesanstalt fiir Materialforschung und
priifung (BAM), Berlin, Germany

Over the past decades research on the molecular dynamics of miscible
polymer blends is of topical interest in the literature, to understand
the segmental mobility of individual components, as it is affected by
blending. In general, miscible polymer blends exhibit a complex dy-
namic behavior. For an A/B blend the relaxation times of component
A and component B are affected by the spatial local compositional het-
erogeneity, present in binary systems on a microscopic level, regardless
of the macroscopic homogeneity. Here, a combination of broadband
dielectric and specific heat spectroscopy was employed to study the
dynamically asymmetric PVME/PS blend with seven different com-
positions, focusing on samples with high PS contents. Considering
that PS is dielectrically invisible, BDS is a powerful technique to study
the response of PVME, as it is affected by PS segments. Here, three
separate relaxation processes were found by dielectric investigations,
related to confined or constrained PVME segments due to the spatial
local compositional heterogeneities, which is in contrary to the previ-
ous literature findings [1]. Moreover, the dielectric data was compared
with results obtained by specific heat spectroscopy, where a fourth
relaxation process was found, due to the cooperative fluctuations of
PVME and PS. [1] Colmenero, J., Arbe, A. Soft Matter, 2007, 3, 1474.

CPP 17.32 Mon 17:30 Poster Bl
Tunable surprising glassy dynamics in MAPLE deposited
nanostructured polymer — eMiTHUN CHOWDHURY!, XAVIER
MonNIER?, YUucHENG WANG3, DANIELE CANGiaLosi?, and RODNEY

PrIESTLEY® — !Metallurgical Engineering and Materials Science, IIT
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Bombay, Mumbai 400076, India — 2Centro de Fisica de Materiales,
CSIC-UPV/EHU, San Sebastian 20018, Spain — 3Chemical and Bio-
logical Engineering, Princeton University, NJ 08544, USA

In this study we characterize glassy dynamics of Matrix Assisted
Pulsed Laser Evaporation (MAPLE) deposited poly (methyl methacry-
late) (PMMA) films. For that, we exploit fast scanning calorimetry
to investigate the molecular mobility and the vitrification kinetics in
terms of the thermodynamic state attained after a given cooling rate.
We found in general any MAPLE deposited glass is thermodynami-
cally more stable than bulk polymer standard glass, as indicated by
lower fictive temperature in comparison to standard glass. Intriguingly,
MAPLE deposited glasses exhibits at the same time faster molecu-
lar mobility. For a standard glass, the opposite behavior is generally
found. Furthermore, by heating (aging and annealing) and controlling
MAPLE deposition temperature, the amorphous state can be tuned.
This still significantly deviates from the standard PMMA. We tenta-
tively conclude that MAPLE deposited glasses are formed following a
distinguished kinetic path, leading to an amorphous state well different
from that of glasses formed in the conventional way, that is, by cooling
through its glass transition temperature from melt.

CPP 17.33 Mon 17:30 Poster Bl
Growth Kinetics and Molecular Mobility of Irreversibly Ad-
sorbed Layers in Thin Polymer Films — eMAaARCEL GAWEK, AN-
DREAS HERTWIG, and ANDREAS SCHONHALS — Bundesanstalt fiir Ma-
terialforschung und -priifung, Unter den Eichen 87, 12205 Berlin

In well-annealed thin polymer films, with non-repulsive poly-
mer/substrate interactions, an irreversibly adsorbed layer is formed.
These adsorbed layers have shown enormous potential for technologi-
cal applications. The growth kinetics and molecular dynamics of these
buried layers in thin films are still not fully investigated due to the hard
accessibility. Here, the irreversibly adsorbed layers of homopolymer
thin films are revealed by solvent-leaching experiments. The growth
kinetics of these layers is investigated as a function of original film
thickness and annealing times. The thickness, topography and qual-
ity of the adsorbed layer is determined with Atomic Force Microscopy
(AFM) and spectroscopic ellipsometry. Additionally, the molecular
mobility of the adsorbed layer is investigated with Broadband Dielec-
tric Spectroscopy (BDS). A recently developed nanostructured capac-
itor (NSC) is employed to measure the adsorbed layers with a free
surface layer depending on annealing and solvent-leaching time. The
results are quantitatively compared and discussed with respect to re-
cently published work.

CPP 17.34 Mon 17:30 Poster Bl
Structure and morphology in tetracene-C60 blends — eKaTJia
Schick, CLEMENS ZEISER, and KATHARINA BrocH — Institut fiir
Angewandte Physik, Universitat Tiibingen, Deutschland

Although C60 is one of the classical acceptors in organic solar cells
[1], the mechanisms of its structure formation in blends are not fully
understood. However, since the mixing behaviour or the length scales
of phase separation are affecting device performance [2], an under-
standing of the underlying mechanisms is important. Phase separat-
ing systems can exhibit interesting kinetic effects as demonstrated, e.g.
in blends of C60 and diindenoperylene (DIP), for which a thickness-
dependent domain size has been observed [3].

In order to study how the length of the co-evaporated molecule influ-
ences the thickness-dependent phase separation and island size, we use
tetracene (TET) which is shorter than DIP. To analyse the thickness-
dependent structure and morphology of the TET:C60 films we use
X-ray diffraction, AFM and SEM and discuss our findings in view of
the steric compatibility of the two molecules.

[1] N. Martin et al. Chemical Review. 98(1998)

[2] S. Oosterhout et al. Nature Materials. 8(2009)

[3] R. Banerjee et al. Physical Review Letters. 110(2013)

CPP 17.35 Mon 17:30 Poster Bl
Structural and optical properties of pentacene and tetracene
blends — eDaNIEL LeEPPLE, CLEMENS ZEISER, and KATHARINA
BrocH — Universitét Tiibingen

Optoelectronic devices based on organic semiconductors (OSCs) have
found industrial applications, e.g. as light-weight and flexible displays
[1]. In many devices, the active layer is composed of mixtures of two
OSCs where one acts as a donor and the other one as an acceptor.
As the device performance is strongly affected by the structural and
optical properties of the mixed film, an understanding of structure-
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property relations is not only interesting from the viewpoint of fun-
damental research but also important for further device optimization.
A prototypical class of OSCs to study the processes of structure for-
mation and their impact on photophysical properties are acenes, espe-
cially tetracene and pentacene [2]. Although their properties have been
studied extensively, there remain open questions due to the complex
photophysics of these two molecules [3]|. Here, we report on the struc-
tural and steady-state optical properties of blends of tetracene and
pentacene, which we use as a model system for the study of structure-
property relations in weakly interacting, structually compatible sys-
tems.

[1] J. H. Koo et al. Adv Funct. Mater. 28 (2018)

[2] J. Anthony et al. Chemical Review. 106 (2006)

[3] D. Beljonne et al. Physical Review Letter. 110 (2013)

CPP 17.36 Mon 17:30 Poster Bl
Optical Investigation of Charge Transfer States in
Tetracene/F6-TCNNQ Blends eCHRISTOPH THEURER!,
CLEMENS ZEISER', Nico HorepITz?, WoLFRAM HEIMBRODT?, MAR-
1IN Kocu?, and Karaarina Brocu! — Eberhard Karls Universitét
Tibingen, Institut fiir Angewandte Physik, Auf der Morgenstelle 10,
72076 Tiibingen — 2Philipps Universitdt Marburg, Physikalisches

Institut, Renthof 5, Laborbau II, 35032 Marburg

Organic semiconductors have a huge potential for large area, cost and
energy efficient optoelectronic devices like organic solar cells or OLED
displays [1]. The majority of functional devices rely on charge transfer
interactions between acceptor and donor molecules.

F6-TCNNQ is one of the strongest organic acceptor molecules known
and is widely used for doping and studying charge transfer effects [2].
We have mixed it with tetracene, a member of the family of acenes,
which exhibit interesting optical properties and effects like singlet fis-
sion [3]. Although tetracene is already intensively studied, little is
known about charge transfer interactions in blends with acceptors [4].
We study the photophysics of the observed charge-transfer states and
discuss our findings based on the structural and morphological proper-
ties of tetracene/F6TCNNQ blends with different mixing ratios. This
serves as starting point for further time-resolved investigations of this
fundamentally interesting system.

[1] Forrest, S. R., Nature 428 (2004) [2] Koech, P. K., et al., Chem-
istry of Materials 22 (2010) [3] Smith, M. B., and Michl, J., Chemical
Reviews 110 (2010) [4] Hu, P., et al., CrystEngComm 19 (2017)

CPP 17.37 Mon 17:30 Poster Bl
Analysis of metal nanostructure evolution on polymer sur-
faces by in-situ GISAXS during sputter deposition —
¢ VALENTIN MUNTEANU!, SiMoON J. ScHAPER!, VOLKER KORSTGENS!,
MATTHIAS SCHWARTZKOPF2, PALLAVI PANDITZ, ALEXANDER HINzZ3,
OLEKSANDR Poronskyi®, THomas STRUNskUSS, FrRanz FAUPELS,
STEPHAN V. RorTn%?, and PETER MULLER-BuscuBaum! — 1TU
Miinchen, Physik-Department, LS Funktionelle Materialien, 85748
Garching — 2DESY, 22607 Hamburg — 3CAU zu Kiel, Institut fiir
Materialwissenschaft, LS Materialverbunde, 24143 Kiel — *KTH, De-
partment of Fibre and Polymer Technology, SE-100 44 Stockholm,
Sweden

A good understanding of the fabrication process of reproducible func-
tional metal-polymer interfaces is of high importance for their use in
organic electronics. Sputter deposition offers the ability to precisely
control and tailor the fabrication of metal-polymer interfaces. Dur-
ing sputter deposition, the evolution of the metallic layer morphology
is monitored in-situ with time-resolved grazing-incidence small-angle
X-ray scattering (GISAXS). The resulting in-situ scattering data is
processed and analyzed using the DPDAK software package. By fit-
ting the processed data, structure parameters can be extracted whose
temporal evolution reveals the mode of metal growth on polymer sur-
faces. Simulations with BornAgain lead to a deeper understanding of
the growth mechanism of sputter deposited metal-polymer interfaces.

CPP 17.38 Mon 17:30 Poster Bl
Self-assembly of large nanoparticles in ultrahigh molecu-
lar weight linear diblock copolymer films — eWEr Cao’,
SENLIN Xi1al, Xinvu Jiang!, MicHAEL APPoLD?, MATTHIAS
OpEL3, MARKUS GALLEI?, MATTHIAS SCHWARTZKOPF?, STEPHAN
V. Roru®5, and PETER MULLER-BuscuBaum! — 1TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching —
2TU Darmstadt, Ernst-Berl-Institute for Technical and Macromolecu-
lar Chemistry, 64287 Darmstadt — 3Walther-Meissner-Institut, Bay-

erische Akademie der Wissenschaften, 85748 Garching — *DESY,
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Notkestrasse 85, 22603 Hamburg — SKTH Royal Institute of Tech-
nology, SE-100 44 Stockholm, Sweden

The preparation of block copolymer nanocomposite films that con-
sist of nanoparticles (NPs) with diameters (D) of more than 10 nm
is a challenging task. Herein, ultrahigh molecular weight (UHMW)
linear polystyrene-block-poly(methyl methacrylate) (PS-b-PMMA) di-
block copolymer was spin-coated as a template for the self-assembly
of large iron oxide NPs (D = 28.5 nm), and the morphology of hybrid
nanocomposites was governed by the concentration (C) of the iron ox-
ide NPs. Via hydrogen bonding between the carboxylic acid groups on
iron oxide and the PMMA side chains of the diblock copolymers, the
NPs were selectively incorporated inside the PMMA cylinders. Due to
the rearrangement of the PMMA chains for accommodating the NPs,
well-ordered cylindrical nanostructure were readily generated at low
NP concentrations (C = 0.5 wt%). Most interestingly, a chain-like
network appears inside the hybrid films at a high NP loading.

CPP 17.39 Mon 17:30 Poster Bl
Thermal Oscillations in Homopolymer Blends — eLouis P1-
GARD and MARrRcus MULLER — Institute for Theoretical Physics, Uni-
versity of Gottingen, Germany

Immiscible homopolymer blends are binary mixtures that exhibit
macroscopic phase-separation of their constituents A and B in equilib-
rium. The immiscibility of A and B is commonly characterized by the
interaction parameter xN. For sufficiently high xN the blend demixes
into two macroscopic A- and B-rich domains that are spatially sepa-
rated by a single interface.

We study how this behaviour is altered if the temperature of the
system and thus xN is oscillating in time. We model the dynamics by
the Cahn-Hilliard equation and, additionally, verify our results with
Monte-Carlo simulation of a soft, coarse-grained particle model that
mimics Rouse dynamics.

For suitable values for the amplitude and period of the oscillation
we observe the emergence of new metastable states with three inter-
faces and four domains in a thin-film geometry, i.e., the oscillation
of incompatibility qualitatively changes the behavior from macro- to
microphase separation in a thin film geometry.

We study the dependence of this microphase-separated state
on the strength and frequency of the oscillation and explore the
(meta)stability of the new, oscillation-induced state.

CPP 17.40 Mon 17:30 Poster Bl
Free energy of interaction between polymers and Guanine-
Quadruplexes using Molecular Dynamics Simulations
®SANWARDHINI PANTAWANE and STEPHAN GEKLE — Biofluid Sim-
ulation and Modeling Group, Theoretische Physik VI, Universitat
Bayreuth, 95440 Bayreuth Germany

In this investigation, free energy calculations on a system consist-
ing of Poly(3-hexylthiopene-2,5diyl) (P3HT) chains and Guanine-
Quadruplex DNA molecule, immersed in water are carried out. Such a
polymer-DNA assembled system can be used to construct DNA biosen-
sors, but has yet not been accomplised due to the lack of understanding
of their conformational and thermodynamical stability. We construct a
system with a four repeat G-Quadruplex molecule sitting over a planar
surface of five collaterally arranged P3HT chains with 20 repeats each
and apply umbrella sampling to pull the DNA molecule away from the
P3HT polymer surface. We carry out the free energy calculations de-
rived from a series of umbrella sampling simulations using a Weighted
Histogram Analysis Method (WHAM), which would give an insight
on determining the probability of the DNA molecule to attach to the
conjugated polymers. An additional study on the effect of oxidation
on such a G-quadruplex structures is also presented here.

CPP 17.41 Mon 17:30 Poster Bl
Modelling DN A-strand displacement reactions in the pres-
ence of base-pair mismatches — eParTrick IrMISCH and RALF
SEIDEL — Molecular Biophysics group, Peter Debye Institute for Soft
Matter Physics, University of Leipzig, 04103 Leipzig, Germany

Toehold-mediated strand displacement is the most abundantly used
method to achieve dynamic switching in DNA-based nanotechnology.
A single-stranded ’invader’ strand binds to the 'toehold’ overhang of a
target strand and replaces a target-bound ’incumbent’ strand. Hereby,
complementarity of the invader to the single-stranded toehold provides
the energetic bias of the reaction.

The aim of this work is to obtain a quantitative description of the ki-
netics of strand displacement reactions in the presence of mismatches
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using simple biophysical modelling. This would allow for predicting
strand-displacement rates when setting up strand-displacement reac-
tion networks. We model the strand-displacement rate as the mean-
first-passage time of a random walk within a simplified 1D energy
landscape. In case of single invader mismatches, our model success-
fully describes the displacement kinetics as function of the mismatch
position and the toehold length using a minimal set of parameters.
Most importantly, our model is able to predict the kinetics of strand
displacement reactions in presence of multiple invader mismatches as
well as incumbent mismatches. Comparisons with experimental data
confirm the model prediction and thus the general applicability of our
approach.

CPP 17.42 Mon 17:30 Poster Bl
Nano-electronic components built from DNA templates —
eJiNncJING YE and RALF SEIDEL — 1Peter Debye Institute for Soft
Matter Physics, Universitat Leipzig, Germany

DNA Origami takes advantage of base complementarity of individual
short oligonucleotides, to fold a long scaffold strand into almost any
continuous 2D or 3D shape. We recently introduced a new concept of
DNA origami mold-based particle synthesis that allows the synthesis
of inorganic nanoparticles with a programmable shape. We demon-
strated the concept by fabricating a 40 nm long rod-like gold nanos-
tructure with a quadratic cross-section. We expanded the capabili-
ties of the mold-based particle synthesis to demonstrate the synthesis
of uniform pm long conductive gold nanowires with 20-30 nm diam-
eters. With conductance characterization, metallic conducting wires
were demonstrated. Here the concept is further expanded by designing
mold monomers with different geometries and interfaces. We can fabri-
cate more complex mold-superstructure in an addressable and flexible
way like lego bricks.

CPP 17.43 Mon 17:30 Poster Bl
Anomalous Diffusion in Reversible Networks o KIRAN
Suresn Kumar!2, JeEns-Uwe SommeRr!2, and MicHaEL Lance! —
ILeibniz-Institut fiir Polymerforschung Dresden, Institut Theorie der
Polymere, Hohe Strasse 6, 01069 Dresden, Germany — 2Institute fiir
Theoretische Physik, Technische Universitdt Dresden, Zellescher Weg
17, 01069 Dresden, Germany

Recent experiments and simulation studies find an anomalous super
diffusive regime in reversible networks by analyzing Forced Rayleigh
Scattering (FRS) data [1-3]. The molecular origin of this super dif-
fusive regime is not yet fully understood. In our contribution, we
approach this problem by computer simulations of FRS experiments
in reversible networks based upon the Bond Fluctuation Model and ad-
ditional stochastic simulations. We analyze the dynamics of individual
molecules and correlate these with bond association and dissociation
times. We further discuss the dependence of collective observables as
accessible in FRS experiments with molecular parameters of the re-
versible gel.

[1] Tang, S.; Wang, M.; Olsen , B. D. J. Am. Chem. Soc. 2015, 137,
3946-3957.

[2] Tang, S.; Habicht, A.; Li, S.; Seiffert, S.; Olsen, B. D. Macro-
molecules 2016, 49, 5599-5608.

[3] Ramirez, J.; Dursch, T. J.; Olsen , B. D. Macromolecules 2018,
51, 2517-2525.

CPP 17.44 Mon 17:30 Poster Bl
Investigation of swelling of coatings and the change of
their mechanical properties at different air humidity —
e ANNES SCHEDLBERGER!, BERNHARD STRAUss?, and SABINE HiLp!
— lInstitute of Polymer Science, Johannes Kepler University Linz, Al-
tenberger Str. 69, 4040 Linz, Austria — 2Voestalpine Stahl GmbH,
voestalpine-Strafie 3, 4020 Linz, Austria

To protect steel surfaces against corrosion thin layer of organic coat-
ings are applied. When used, water may be absorbed n the coatings
and diffused through the layers. This can cause a variety of damages.
Although this is a well known effect, the process of migration within
the coatings and its consequences are still not clear. Therefore it is of
utmost importance to investigate the amount of absorbed water, the
adsorption kinetics and the correlation of the water absorption with
the chemical structure and the mechanical properties of the coatings.

Atomic Force Microscopy (AFM) provides the possibility to observe
the changes at the surface and to analyse the changes in the mechanical
properties of the coatings as well. The swelling of the organic coat-
ing applied on a steel substrate were observed for 24 hours at various
air humidity concentrations within a humidity cell at the AFM. To
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obtain the various air humidity concentrations, different salt solutions
like potassium hydroxide or potassium nitrate were inserted into the
humidity cell, followed by the analysis of the coatings. The changes

of the mechanical properties of the coatings were analysed performing
force distance curves.

CPP 18: Crystallization, Nucleation and Self-Assembly Il (joint session CPP/BP)

Time: Tuesday 9:30-10:30

CPP 18.1 Tue 9:30 H14
Investigation of the Short-Time Diffusive Dynamics During
Salt-Induced Protein Crystallization Using Neutron Spec-
troscopy — eCHRrisTIAN Brck!:2, Marco GriMaLpo!, FELIX
RooseN-RuNcE?, FAJUN ZHANG2, FRANK ScHREIBER?, and TiLo
SeYDEL! — Institut Laue Langevin, Grenoble, France — 2University

of Tiibingen, Germany — 3Lund University, Lund, Sweden

Protein crystals are needed to obtain high-resolution protein struc-
tures, and therefore understanding different processes/pathways lead-
ing to their formation is of fundamental biophysical and medical in-
terest. Previous studies investigating the kinetics of crystallization in
situ using static methods (SAXS and microscopy) provided evidence
for non-classical crystallization pathways in the presence of multiva-
lent salts [1,2]. Using dissolved S-lactoglobulin proteins as a model
system, we studied the ZnClz-induced crystallization. Here, we em-
ploy quasi-elastic neutron backscattering (NBS) and neutron spin-echo
(NSE) spectroscopy to access the kinetics of the nanosecond diffu-
sive dynamics of proteins during crystallization on a nanometer length
scale. NBS provides information on the changes of the center-of-mass
diffusion, internal diffusive dynamics and on the fraction of immobile
proteins associated with the crystals. Accessing coherent scattering
with NSE, we probe different scattering vectors ¢ to disentangle the
different diffusive contributions of proteins in crystals or aggregates,
and in the liquid phase, respectively.

[1] A. Sauter et al. ACS Cryst. Growth Des. 14 (2014) 6357

[2] A. Sauter et al. Faraday Discuss. 179 (2015) 41

CPP 18.2 Tue 9:45 HI14
Protein crystallization near liquid-liquid phase separation —
Krim PeETrROV, JAN HANSEN, eFLORIAN PLATTEN, and STEFAN U.
EcGELHAAF — Heinrich Heine University Duesseldorf

The crystallization of protein (lysozyme) solutions is studied as a func-
tion of protein and salt concentration at ambient conditions. In ad-
dition to tetragonal crystals at low salt concentrations (far away from
phase separation), needle-like and kinetically roughened crystals occur
in the vicinity of the binodal. The crystallization induction time and
the growth rate are inferred from optical microscopy and linked to the
solubility and protein-protein interactions. Based on these data, the
different states of the protein solution are linked to different driving
forces for crystallization.

CPP 18.3 Tue 10:00 H14
Does liquid-liquid phase separation enhance protein crystal-
lization? — eRALPH MAIER!, ANDREA SAUTER!, GEORG ZOCHER!,
STEFANO DA VELA!, OnGA MATSARSKAIA', RALF ScHWEINSS,
1,2 and FRANK

MicHAEL Szrucki*, Fajun Zuanc!, THILO STEHLE

Location: H14

ScHREIBER! — 1Universitit Tiibingen, Germany — 2Vanderbilt Uni-

versity School of Medicine, Nashville, USA — 3ILL, Grenoble, France
— 4ESRF, Grenoble, France

Solutions of the protein human serum albumin (HSA) exhibiting a
reentrant phase behavior with a metastable liquid-liquid phase sepa-
ration (LLPS) inside the condensed regime in the presence of trivalent
salts [1] were studied, focussing on the effects of the metastable dense
liquid phase on the crystallization pathways. Optical microscopy and
small angle X-ray and neutron scattering were used to follow protein
crystallization and to explore the role of metastable LLPS. No evi-
dence of nucleation inside the dense liquid phase was observed. On
the contrary, heterogeneous nucleation at the walls of the glass con-
tainer dominates. This suggests that the existence of a metastable
LLPS is not a sufficient condition for a two-step nucleation. The un-
stable or metastable dense liquid phases serve as a reservoir for crystal
growth. Furthermore, the crystallographic analysis of the resulting
crystals shows that crystals with different morphology grown under
different conditions share the same structure and the metal ions create
two bridging contacts within the unit cell which stabilize the unit cell.
[1] Matsarskaia et al., J. Phys. Chem. B, 120, 7731 (2016)

CPP 18.4 Tue 10:15 H14
Using x-ray scattering to understand the formation of un-
expected structures in organic thin films — JENNY LEBERT!,
Eva M. Krarzer!2, AXEL Bourpick®, MiHAeL Coricl, STEPHAN
GEekLE®, and eEva M. Herzic!?2 — Herzig Group, MSE Technis-
che Universitdt Miinchen, Lichtenbergstr. 2a, 85748 Garching, Ger-
many — 2Dynamik und Strukturbildung - Herzig Group, Universitit
Bayreuth, Universititsstr. 30, 95447 Bayreuth, Germany — 2Biofluid
Simulation and Modeling, Universitdt Bayreuth, Universitatsstr. 30,
95447 Bayreuth, Germany

The morphology plays an important role for the performance of or-
ganic, semi-conducting thin films. Understanding the self-assembly
processes that occur during the drying of the photoactive films, will
allow us to make progress in controlled nanomorphology tuning. We
have therefore developed tools to investigate thin film formation pro-
cesses using synchrotron radiation to resolve structure and structural
developments [1,2]. We have now investigated an in-situ polymeriza-
tion method for polythiophene to examine how much we can influence
the morphology during film formation with such an approach. GI-
WAXS measurements, molecular dynamics simulations, and spectro-
scopic analysis suggest the presence of polythiophene in a novel and
stable crystal structure with an enhanced intermolecular interaction
[3]. [1] S. Proller et al. Rev. Sci. Instrum. 2017, 88(6): 066101. [2] S.
Proller et al. Adv. Energy Mater. 2016, 6(1): 1501580. [3] J. Lebert
et al. ACS Omega 2018, 6: 6388-6394.

CPP 19: Hybrid and Perovskite Photovoltaics Il

Time: Tuesday 9:30-12:30

CPP 19.1 Tue 9:30 HI18
Three-Terminal Perovskite Silicon Tandem Solar Cells with
Top and Interdigitated Rear Contacts — ePHILIPP TOCKHORN,
PuiLipp WAGNER, JoHANN CHRISTOPH STANG, Lukas KEGELMANN,
MatHiAs MEWwWS, STEVE ALBRECHT, and LARS KorRTE — Helmholtz
Zentrum Berlin, Kekuléstrafie 5, 12489 Berlin

So far, perovskite and silicon were paired in two terminal (2T) and four
terminal (4T) tandems, yielding power conversion efficiencies (PCE)
above 25 %. In a 2T tandem solar cell, the total current density is lim-
ited by the subcell yielding the lower current, restricting the overall
performance. Independently operated 4T tandem cells need additional
transparent conductive layers for lateral conduction and thus parasitic
absorption is ultimately higher. Here, we present a novel three termi-
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Location: H18

nal (3T) approach for the interconnection of an n-i-p perovskite top
cell with an interdigitated back contact (IBC) silicon heterojunction
(SHJ) bottom cell. For this, the interconnection of the subcells is re-
alised with SnO2 and nc-Si:H(n) layers. This allows the independent
operation of both subcells in a monolithic device, thus combining the
advantages of both 2T and 4T devices into a 3T tandem solar cell.
For this, electrons generated in the perovskite top cell are collected
at the rear side n-contact of the IBC SHJ. We report the first 3T
perovskite/silicon tandem device in this architecture that reaches a
combined stabilised PCE of 15.5 %. Despite losses due to hysteresis,
our 3T device is still strongly limited by optical losses from high reflec-
tion and parasitic absorption. We present the theoretical limits of this
tandem approach and highlight further routes to improve efficiency.
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CPP 19.2 Tue 9:45 HIS8

Minimizing Electrical Interconnection Losses in Laser-

Patterned Perovskite Solar Cells — eMAaRrkus FENSKE!,
CurisToF ScHuLTz!, ANDREAS BARTELT!, ANTJE NEUBAUERZ,
CornNELIA JuNcHaNs?, Marko Jost?, BErRND REecH?, RUTGER

ScHLATMANND® | STEVE ALBRECHT®, and BERT STEGEMANN!

THochschule fiir Technik und Wirtschaft Berlin — 2Becker & Hickl
GmbH, Berlin — 3Helmholtz-Zentrum Berlin fiir Materialien und En-
ergie, Young Investigator Group for Perovskite Tandem Solar Cells —
4Helmholtz-Zentrum Berlin fiir Materialien und Energie, Institut fir
Silizium-Photovoltaik — ®Helmholtz-Zentrum Berlin fiir Materialien
und Energie, PVcomB

Successful up-scaling of metal halide perovskite (MHP) solar cells from
lab-scale to large module sizes requires monolithic series interconnec-
tion. Here we report on recent progress in P2 and P3 laser patterning.
By systematically varying the laser pulse energy, pulse duration and
laser wavelength, a process window for the patterning could be estab-
lished. We demonstrate the lateral effect of the laser processing on
the chemical composition in the patterned area (by EDX) and on the
perovskite semiconductor properties in the vicinity of the scribed laser
line (by TR-PL). The results show that shorter laser pulse durations
(ps rather than ns) and shorter laser wavelengths (355 nm rather than
532 nm) have a beneficial effect particularly on P2 process control,
thereby minimizing electrical interconnection losses.

CPP 19.3 Tue 10:00 H18
Highly Efficient monolithic perovskite silicon tandem so-
lar cells: analysing current-mismatch conditions — eEIKkE
KounNeN, Marko Jost, PuiLipP TockHORN, ANNA B. MORALES
VILCHES, AMRAN AL-ASHOURI, BERND STANNOWSKI, and STEVE AL-
BRECHT — Helmholtz-Zentrum Berlin, Germany

To well exceed the theoretical efficiency limit for silicon single junction
solar cells, multiple absorbers with different bandgaps can be combined
into tandem solar cells. Recently, metal halide perovskites have at-
tracted significant scientific attention as tandem partner with silicon.
Here, we combine a rear emitter silicon cell with a p-i-n perovskite
cell into a highly efficient monolithic tandem cell. With this design,
a certified tandem efficiency of 25% is realized at highly unmatched
sub-cell photocurrents. Further improvements of the top contact and
the perovskite thickness, enabled a remarkably efficiency of 26%, the
highest yet published value. Additionally, we show how these tan-
dem solar cells behave under various illumination spectra, e.g. when
the sun spectrum changes over the day. Using selective illumination,
different mismatch conditions are generated, affecting the tandem fill
factor (FF). The experimental findings are reproduced by equivalent
circuit simulations based on single cell parametrization. In both ex-
periment and simulation, we find that the FF increases significantly
when the sub-cells become more unmatched, an important finding as
the FF enhancement slightly compensates the photocurrent reduction
due to current mismatch. This will affect the mismatch condition for
optimum performance and also affects the energy yield of the tandem
solar cell.

CPP 19.4 Tue 10:15 HI18
Characterisation of inorganic/hybrid lead and tin perovskites
for efficient light-emitting diodes — eINES ScHMIDT, SELINA
OvrHor, and KLaus MEERHOLZ — Universitat zu Koln

Solution processable semiconducting perovskites have the general
structure AMX3, where A is a cation (Cs, methylammonium (MA)
or formamidinium (FA)), M is a metal cation (Sn or Pb) and X is a
halide anion (I, Br or Cl). The combination of these results in 18 differ-
ent primary (i.e. non-mixed) perovskites with bandgaps correspond-
ing to a wide range of the electromagnetic spectrum. This bandgap
tunability, very narrow emission characteristic and a high charge car-
rier mobility make perovskites promising candidates for light-emitting
applications.[1] To gain better understanding regarding possible emis-
sion wavelengths as well as the absolute energy levels, we optimized
and characterized this complete set of 18 material combinations using
structural, electrical and optical measurement techniques. With that
knowledge, multi-layer perovskite light-emitting diodes with an opti-
mized energy alignment can be fabricated. To this end, we introduced
crosslinkable hole-transporting layers into the device stack to improve
charge injection. Another important aspect is the enhancement of
charge carrier recombination, which is typically done by reducing the
grain size in perovskite films. Therefore, we investigated the impact of
different small organic molecules and polymer additives in the prepa-
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ration procedure on perovskite morphology and device performance.
[1] Stoumpos, C. C et al., Inorg. Chem., 52(15), 9019-9038 (2013).

CPP 19.5 Tue 10:30 HI18
Pure Bromide-based Perovskites: Film Formation, Morpho-
logy and (In)Homogeneity — ¢ CAROLIN REHERMANND2| VINCENT
SCHRODER?, SEBASTIAN CAIcEDO-DAvILAl, JosE MARQUEZ PRIETO!,
ABoma MERrDAsA!, EMiL LisT-KrarocuviLh? und Eva UNGer!2 —
I Helmholtz-Zentrum Berlin fiir Materialien und Energie, 12489 Berlin,

Germany — 2Humboldt-Universitit zu Berlin, 12489 Berlin, Germany

Due to their band gap tunability metal halide perovskites are an in-
teresting material for tandem solar cells and LEDs, high band gaps
around 2.3 eV are obtained with pure bromide perovskites.1 For esta-
blished mixed perovskites wrinkled films are formed depending on pre-
paration conditions. This inhomogeneity in composition and morpho-
logy influences the device performance.2, 3 Wrinkles develop likewise
during preparation of pure bromides.

In this work, we study the film formation of organic and inorga-
nic bromide-based perovskites with in-situ PL and UV /Vis measure-
ments during different preparation steps and on various contact layers.
Morphology and (In)homogeneity in composition of the final films are
analyzed by XRD, PLimaging and EDX. Understanding parameters
influencing wrinkle formation allows controlling this process and gives
the opportunity to systematically provoke/ suppress them. That way
resulting optoelectronic properties and detailed influences on device
performance of wrinkles bromide perovskites are investigated.

1. Unger et al. Journal of Materials Chemistry A 2017, 5 (23), 11401-
11409. 2. Braunger et al. J. Phys. Chem. C 2018, 122, 17123-17135. 3.
Bercegol et al. J. Phys. Chem. C 2018, 122, 23345-23351.

CPP 19.6 Tue 10:45 HI18
Methylammonium Lead Iodide Perovskite Solar Cells from
direct Co-Evaporation — eMARCEL Ross, Lipon GiL Escrig,
AMRAN AL-AsHOURI, Marko JosT, and STEVE ALBRECHT —
Helmholtz-Zentrum Berlin, Young Investigator Group for Perovskite
Tandem Solar Cells

Deposition of perovskite solar cell absorbers by co-evaporation offers a
variety of advantages over solution based preparation such as homoge-
neous coating of large substrates and conformal coverage of textured
substrates. Up to date the gas-like evaporation behavior of organic pre-
cursors such as methylammonium halides makes the rate measurement
and consequently the process control difficult as volatile species might
re-evaporate from chamber walls. To overcome these challenge we im-
plement an evaporation setup with a thermal management system to
directly co-evaporate volatile precursors for perovskites. Through a
combination of actively cooled and heated surfaces, a direct and con-
trolled evaporation process is achieved. This way, high quality Methy-
lammonium Lead Iodide perovskite films are obtained as confirmed by
XRD, PL and optical measurements. These perovskite films are imple-
mented into p-i-n solar cells utilizing different hole transport materials
(HTMs) such as PTAA, self-assembling monolayer (SAM) molecules
and Spiro-TTB. Although the coarse grain morphology measured by
SEM is very comparable, the solar cell performance is strongly affected
by the used HTM and stabilized efficiency over 20% are realized with
the SAMs only. The herein achieved efficiency is comparable to the
highest reported value for evaporated perovskite solar cells.

CPP 19.7 Tue 11:00 HI18
Structural and optical properties of Cs; AgBiBrg, a lead-free

perovskite for photovoltaic applications — eMELINA ARMER!,

JuLiaNn Hoécker!, LiupmiLa Kupriasnoval, SEBasTIAN HAMMER!,
KRrisTOFER TVINGSTEDT!, ANDREAS BAuUMANNZ, JENS Prraumb2,
and VLADIMIR DyakoNov! — !Experimental Physics VI, Julius Max-
imilian University of Wiirzburg, 97074 Wiirzburg — 2Bavarian Center

for Applied Energy Research (ZAE Bayern), 97074 Wiirzburg

As conventional perovskite solar cells contain lead and therefore suffer
toxicity issues, finding alternative and stable lead-free materials for the
application in perovskite photovoltaics has become an essential prob-
lem to be solved. In this work, lead-free CsaAgBiBrg single crystals
have been synthesized using a solution based approach, permitting a
detailed characterization of the optical and structural properties of this
material. The single crystals have been characterized using steady-
state and time-resolved photoluminescence (PL) spectroscopy. The
morphology and quality of the as prepared crystals has been evaluated
using scanning electron microscopy and X-ray diffraction. We observed
PL in the visible region characterized by large time constants. Fur-
thermore, Csa AgBiBrg thin films have been prepared and their optical
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and structural properties have been investigated, and compared to the
corresponding bulk single crystals. Due to the encouraging optical
and structural properties Csao AgBiBrg is a promising material for the
application as absorber layer in lead-free perovskite solar cells.

15 min. break

CPP 19.8 Tue 11:30 HI18
Improving the thermal stability of co-evaporated lead halide
perovskites by replacing MA with Cs: Film growth and de-
composition analyzed by in situ XRD — eTHoMAs Burwig,
Paur PisTor, and RoLAaND ScHEER — Martin-Luther-Universitat
Halle-Wittenberg, Von-Danckelmann-Platz 3, 06120 Halle (Saale),
Germany

Perovskites have seen a rising popularity in photovoltaic research
due to their outstanding optoelectronic properties, with the most re-
searched perovskite in this field being MAPbI3. However, practical
applications are held back by a lack of stability against atmospheric
water, light and temperature. In our work we present fully inorganic
caesium-lead-halide-perovskites, in which the organic MA is exchanged
for caesium. We deposit thin films via dry, vacuum-based thermal
co-evaporation. A specialized in situ X-ray diffraction setup allows
us to monitor the crystal phase evolution over the course of the ex-
periments. We report on the growth and thermally induced phase
changes as well as the thermally induced decomposition of CsPbls
and CsPbBr3 perovskites. CsPbl3 is grown in a black, orthorhombic
perovskite structure at room temperature (o/-CsPbls). This phase is
stable in vacuum, but unstable under ambient conditions, as it under-
goes a phase change to yellow, also orthorhombic §-CsPbl3. No such
phase change was observed for CsPbBr3. Our experiments confirm
a higher thermal stability for CsPbls and CsPbBr3z as compared to
the M A-lead-halides. Finally, we report on our attempts to synthesize
further inorganic perovskites with improved stability.

CPP 19.9 Tue 11:45 HI18
Kinetics of Ion-Exchange Reactions in Hybrid Organic—
Inorganic Perovskite Thin Films Studied by In Situ Real-
Time X-ray Scattering — eALEssaNDRO GREco!, ALEXAN-
pER HINDERHOFER!, M. IBraHIM DAR?, NEHA ARORAZ, JAN
HaceNLocHER!, ANDREY CHUMAKOV?, MicHAEL GRATZELZ?, and
FRANK ScHREIBER' — lInstitute for Applied Physics, University of
Tiibingen, Auf der Morgenstelle 10, 72076 Tiibingen, Germany —
2Laboratory of Photonics and Interfaces, Institute of Chemical Sci-
ences and Engineering, Ecole Polytechnique Fédérale de Lausanne,
Switzerland — 3European Synchrotron Radiation Facility, 71, Avenue
des Martyrs, CS 40220, 38043 Grenoble Cedex 9, France

The exchange of ions in hybrid organic-inorganic perovskites with the
general formula APbX3 (A = MA, FA; X =1, Cl, Br) is studied in five
different systems using in situ real-time X-ray diffraction. In systems
where the organic cation is exchanged, we find a continuous shift of the
lattice parameter. The relative shift compared to the pure materials is
used to quantify the exchange. Whether or not a conversion is possi-
ble, as well as the amount of exchanged cations, depends on the halide
used. In the case of the interconversion of MAPbI3 and MAPbCls, we
observe a decay of the diffraction peaks of the original perovskite and
the emergence of new peaks corresponding to the structure with the

alternative halide. Moreover, we determined the relevant time scales
of the growth and decay of the perovskite structures. [1]

[1] A. Greco et al., J. Phys. Chem. Lett., 2018, 6750 (DOI:
10.1021/acs.jpclett.8b02916)

CPP 19.10 Tue 12:00 H18
Manipulating the excited state of CsPbBr3 nanoplatelets
for superior optical properties — eTHOMAS MORGENSTERN!,
MarTHEW JUrROw?3, Carissa EisLer?, Jun Kang3, MANUEL
ENGELMAYER!, PauL AvLivisaros?3, Y1 Liv3, and WOLFGANG
BroTTING! — 1University of Augsburg, Institute of Physics, 86135
Augsburg, Germany — 2College of Chemistry, University of Califor-
nia, Berkeley, California 94720, United States — 3Lawrence Berkeley

National Laboratory, Berkeley, California 94720, United States

Lead halide perovskite (LHP) nanocrystals (NCs) and their light emit-
ting features have recently moved into the focus of optoelectronic ap-
plications. However many properties of the nanoparticles remain to
be investigated for a complete understanding of their optoelectronic
attributes. Of crucial importance for lighting applications is the align-
ment of the emissive transition dipole moment with respect to the
substrate normal, which limits the maximum achievable device perfor-
mance. [1] To investigate this property we measured the photolumines-
cence radiation pattern of CsPbBr3 nanoplatelets. As a consequence
of the nanocrystal shape, the energy of the emission peak shifts to
shorter wavelengths, resulting in a deep blue emission maximum at
460 nm for the investigated nanoplatelets. Further the orientation of
the transition dipole moments is confined in space and therefore aligns
within the plane of the substrate. Hence the NCs have the potential to
outperform existing solutions for blue emitting devices within display
and lighting applications. [1] M. Jurow, ET. AL.: Nano Lett. 17(7)
(2017), 4534-4540

CPP 19.11 Tue 12:15 HI18

Modeling MPa pressure-induced changes in photolumines-
cence spectra of organic-inorganic halide perovskites — AN-

DREA CasTeLLI', eGruLia Birri'2, Luca Crseracciu', DAVIDE
SpiriTo!, Mirko PraTo!, DaviDE Artamura®, Cinzia GIANNINIGG,
SERGEY ARTYUKHIN', RoMaN KRrauNE!, LiBERATO MaNNAl, and

MILENA ARcINIEGAs! — lstituto Italiano di Tecnologia, Via Morego
30, 16163 Genova, Italy — 2Dipartimento di Chimica e Chimica Indus-
triale, Universita degli Studi di Genova, Via Dodecaneso, 31, 16146,
Genova, Italy — 3Istituto di Cristallografia, Consiglio Nazionale delle
Ricerche, via Amendola 122/0, 70126 Bari, Italy

High compressive strains have been used as a way to tune physical
properties of three-dimensional perovskite crystals. Pressure in the
GPa range generates structural distorsions in perovskite lattice, af-
fecting the electronic structure and modifying optical and transport
properties. Surprisingly, stacks of hybrid organic-inorganic perovskite
flakes demonstrate tunability of optical spectra at much lower pres-
sures, in the range of tens of MPa. Pristine flakes are near-white
emitting, and in-situ photoluminescence experiments during loading
and unloading in a mechanical pressure cell reveal drastic change in
their optical emission spectrum, particularly an enhancement of the
blue emission. Using first principles simulations, we are able to repro-
duce the main features of the optical properties and to analyze their
variations under compressive strain.

CPP 20: Wetting, Fluidics and Liquids at Interfaces and Surfaces (joint session CPP /DY)

Time: Tuesday 9:30-13:00

CPP 20.1 Tue 9:30 HI13
Non-monotonous wetting of graphene-mica and MoSs-mica
interfaces with a molecular layer of water — eABDUL RAUF,
ANDRE ScHILO, NikoLAl SEVERIN, Icor M. SokorLov, and JURGEN
P. RaBE — Department of Physics & IRIS Adlershof, Humboldt-
Universitét zu Berlin, Germany

Hydration of interfaces with a layer of water is a ubiquitous phe-
nomenon. Nevertheless, the understanding of the wetting process
is still limited, since it is experimentally difficult to follow. Here,
graphene and monolayers of MoS2 deposited on dry mica are used
to investigate wetting of the 2D material-mica interfaces with a molec-
ularly thin layer of water employing scanning force microscopy in dif-
ferent modes. Wetting starts at relative humidities (RH) of 10-17%
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for graphenes and 8-9% for MoSz, and it concludes with a homoge-
neous layer at 25-30% and 15-20%, respectively. Wetting occurs non-
monotonously in time and space for both types of interfaces. Initially
a highly compliant and unstable layer of water spreads, which sub-
sequently stabilizes by developing labyrinthine nanostructures. These
nanostructures exhibit distinct mechanical deformability and dissipa-
tion, which is ascribed to different densities of the confined water layer.
The laterally structured morphology is explained by the interplay of
counteracting long-range dipole-dipole repulsion and short-range line
tension, associated with the mechanical deformation of the 2D ma-
terial. The proposed origins of the interactions are common for thin
layers of polar molecules at interfaces, implying that the lateral struc-
turing of thin wetting layers may also be a quite general phenomenon.
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CPP 20.2 Tue 9:45 HI13
Molecular Hydrophobicity at a Macroscopic Hydrophilic
Surface — eJeneE D. CvyRran', MicHaEL Donovan!, Doris
VoLLMER!, Fravio Siro Briciano?, SiMONE PEzzorTi?, DARIA
R. GALIMBERTI?, MARIE-PIERRE GalGEOT?, MiscHa Bonn!, and
ELLeN H.G. Backus! — Max Planck Institute for Polymer Research,
Mainz, Germany — 2LAMBRE, Univ Every, Universite Paris-Saclay,
Evry, France

Chemical and physical interactions between water and silicates are
ubiquitous and relevant for geochemistry and industrial processes, in-
cluding chromatography, oil extraction and coatings. Characterizing
the silica/water interface is important to not only understand the fun-
damental properties for natural occurring processes but also to improve
existing technologies, such as silica coatings, which rely on wettabil-
ity and thermal-resistant properties to remain effective. At the sil-
ica/water interface, we compare the microscopic water organization,
from both surface sensitive vibrational sum frequency generation ex-
periments and molecular dynamics simulations, to macroscopic infor-
mation about the hydrophobicity obtained from contact angle mea-
surements. At the microscopic level, weakly hydrogen-bonded OH
groups, typical for hydrophobic interfaces, are observed that originate
from water molecules interacting with hydrophobic sites of the silica
surface. Surprisingly, we observe the presence of hydrophobic water at
a macroscopically hydrophilic water surface.

CPP 20.3 Tue 10:00 H13
Interfacial premelting of ice in nano composite materials —
eMaRrkUs MEzGER!2, HaiLoNG L1, JurLiaN Mars!:2, and MARKUS
Bier3* — Max Planck Institute for Polymer Research, Mainz —
?Institute of Physics, Johannes Gutenberg University Mainz — 3Max
Planck Institute for Intelligent Systems, Stuttgart — 4University of
Applied Sciences Wiirzburg-Schweinfurt

The interfacial premelting in ice/clay nano composites was studied by
high energy X-ray diffraction. Below the melting point of bulk wa-
ter, the formation of liquid water was observed for the ice/vermiculite
and ice/kaolin system. For the quantitative description of the molten
water fraction in wet clay minerals we developed a continuum model
for short range interactions and arbitrary pore size distributions. This
model quantitatively describes the experimental data over the entire
temperature range. Model parameters were obtained by fitting using a
maximum entropy approach. Pronounced differences in the deviation
from Antonow’s rule relating interfacial free energy between ice, wa-
ter, and clay are observed for the charged vermiculite and uncharged
kaolin minerals. The resultant parameters are discussed in terms of
their ice nucleation efficiency. Using well defined and characterized
ice/clay nano composite samples, this work bridges the gap between
studies on single crystalline ice/solid model interfaces and naturally
occurring soils and permafrost.

[1] H. Li et al., Phys. Chem. Chem. Phys. DOI: 10.1039/c8cp05604h
(2018)

CPP 20.4 Tue 10:15 H13
A Direct Inversion Approach to Local Permittivity at Liquid-
Liquid Interfaces — eDaviD EGGER, CHRISTOPH SCHEURER, and
KARSTEN REUTER — Theoretische Chemie, TU Miinchen

Realistic models for catalytic reactions at liquid-liquid interfaces (LLIs)
require a profound knowledge of the electrostatic properties in the
vicinity of the solvated catalytic complex. For polar fluids like water,
these properties as described by the static dielectric constant, &, can
be related to thermal equilibrium fluctuations of the polarization at
zero field.

The Kirkwood-Frohlich (KF) approach usually applied in the deriva-
tion of such formulas faces two major difficulties: First, correlated
polarization fluctuations are long-range and subject to slow conver-
gence, making KF expensive in simulations. Second, the difficulty of
the electrostatic boundary value problem one needs to solve in a KF
ansatz increases with the systems’ complexity. In this contribution, we
present a possible alternative procedure, following the reciprocal space
formalism described by Neumann for wave-vectors at finite wavelength
[1].

Exploiting the convolutional relation between dipole-dipole interac-
tion tensor and polarization, we present a cavity kernel based approach
in reciprocal space in order to arrive at local real space averages to cal-
culate a spatially resolved e(r) from spheroidal gaussian cavities of dif-
ferent shape and volume, avoiding difficulties with geometry-induced
boundary conditions in the electrostatic description. Results are dis-
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cussed for water bulk and water-dichloroethane LLI systems.
[1] M. Neumann, Mol. Phys. 57:1, 97-121, 1986

CPP 20.5 Tue 10:30 H13
Testing dielectric continuum theory at interfaces by atom-
istic simulations — ePuiLip LocHe!, CiHAN Avaz!, ALEXANDER
Scuraicu!2, Douwe Jan Bontruis!, and RoLanp R. Nerz! —
IFachbereich Physik, Freie Universitit Berlin, Arnimallee 14, 14195
Berlin, Germany — 2Laboratoire Interdisciplinaire de Physique, CNRS
and Université Grenoble Alpes, UMR CNRS 5588, 38000 Grenoble,
France

Based on fully atomistic simulations of ions in water, we discuss the
validity of continuum models for the dielectric response at aqueous
interfaces. For the electrostatic energy of an ion in the vicinity of a
hydrophobic graphene surface we find the electrostatic contribution to
be dominated by the non-electrostatic contribution. Linear dielectric
theory breaks down, and to quantitatively describe the linear dielec-
tric contribution an anisotropic tensorial dielectric model is needed.
This demonstrates the limitation of current continuum models for the
dielectric response at interfaces.

Invited Talk CPP 20.6 Tue 10:45 H13
Dynamic surface tension of soft solids — MaATHIS VAN
GorcuM!, BRUNO ANDREOTTI2, Jacco SNOELJER!, and eSTEFAN
KARrPITSCHKAS — 1University of Twente, Enschede, Netherlands —
2Université Paris-Diderot, Paris, France — 3MPI-DS, Géttingen, Ger-
many

The contact line of a liquid drop on top of a solid surface exerts a nano-
metrically sharp surface traction, providing an unprecedented tool to
study highly localized and dynamic deformations of soft polymer net-
works. The morphology is determined not only by bulk viscoelasticity,
but also by solid surface tension. The latter may depend on strain,
known as the Shuttleworth effect. Its impact on soft wetting is contro-
versially discussed in recent literature. One of the outstanding prob-
lems in this context is the stick-slip instability of a moving contact
line, which is observed above a critical velocity. Timeresolved mea-
surements of the solid deformation are challenging, and the mechanism
of dynamical depinning has remained elusive. Here we present direct
visualizations of dynamic wetting ridges. Unexpectedly, the opening
angle of the wetting ridge increases with speed, which cannot be at-
tributed to bulk rheology. Instead, this effect points to an increase of
solid surface tension not only in response to strain, but also depending
on the rate of strain. Under this assumption, a criterion for depinning
can be derived which is confirmed experimentally. We conclude that
the surface tension of a solid is a truly dynamical quantity, following
from a surface rheology that is different from the bulk, similar to what
is known from liquid interfaces with surfactants.

15 min. break

CPP 20.7 Tue 11:30 H13
Raman spectroscopic evaluation of concentration gradients in
small drops in binary mixtures on different substrates and in
3d printed small channels — e ALENA BELL and ROBERT STARK —
Physics of Surfaces, Materialwissenschaften, TU Darmstadt, Alarich-
Weiss-Str. 16, 64287 Darmstadt, Deutschland

The evaluation of concentration gradients plays a big role in medical
technology and chemotaxis. Microchannels are used in lab-on-chip de-
vices for quick tests to test fluids directly, for example. Microchannels
are also used for chemotaxis applications to mix fluids. The amount of
liquid which is needed for these tests is in the microliter range. Raman
spectroscopy is a powerful technique to detect changes in molecular
structures within reactions in lab-on-chip devices and in chemotaxis
devices. Therefore, different fluids are directed through 3d printed
channels and changes are measured via Raman spectroscopy. In a first
step, these generated fluid mixtures are measured as drops on different
substrates. The concentration gradients that build up in the mixtures
is measured in the drops. In the next step the gradients are mea-
sured in small channels. The concentration gradients are calculated
by comparing relative peak intensities and correlating these results
with calibration curves.

CPP 20.8 Tue 11:45 HI13
Shallow water lattice Boltzmann simulations of thin film
flows — oSTEFAN ZITz!, ANDREA SCAGLIARINIZ, SURYANARAYANA
Mappu Konpaiau®, ANToN DaruUBER?, and JENs HARrTING!#
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Helmholtz Institute Erlangen-Niirnberg for Renewable Energy (IEK-
11), Niirnberg, Germany — 2Institute for Applied Mathematics "M.
Picone” (IAC-CNR), Rome, Ttaly — 3Center for System Biology (MPI-
CBG), Dresden, Germany — 4Department of Applied Physics, Eind-
hoven University of Technology, Eindhoven, The Netherlands

We propose a novel approach to the numerical simulation of thin film
flows, based on the viscocapillary shallow water equations. The inte-
gration is performed by the means of a suitably devised lattice Boltz-
mann method.

The numerical scheme is applied to the viscous Rayleigh-Taylor in-
stability of a thin film under the influence of gravity as well as the
spreading of a sessile drop towards its equilibrium contact angle. Dur-
ing the spreading we observe a linear correlation between the spreading
speed and the contact angle, as theoretically predicted by the Cox-
Voinov law.

Further we address the problem of a droplet sliding on an inclined
plane. Due to the choice of the substrate friction we observe a pinning
region for low forcing. When increasing the forcing by varying the
droplet volume the droplet starts to slide and the Capillary number
scales linearly with the Bond number.

CPP 20.9 Tue 12:00 HI13
Complex Wetting: flow profiles close to three phase contact
lines — eBENEDIKT STRAUB!, FrRANZISKA HENRICH!, and GUNTER
K. AuernHAMMER? — !Max Planck Institute for Polymer Research,
Mainz, Germany — 2Leibniz Institute for Polymer Research, Dresden,
Germany

Wetting and dewetting behavior on solid surfaces is the crucial process
underlying many natural phenomena as well as technical applications
like printing or coating of surfaces. Our aim is to study the wetting
behavior of surfactant solutions on solid surfaces. Especially the flow
profile close to the three phase contact line is highly interesting for
modelling efforts.

Three-dimensional flow profiles are measured with an astigmatism
particle tracking velocity setup.

Measurements of a receding contact line for pure water show that
the theoretical prediction can be reproduced, which is used to validate
the system. First results show that surfactants cause a deviation of
the flow field in comparison to theoretical predictions for pure liquids.
In the case of a receding contact line new air-liquid interface is formed
at the three phase contact line. The freshly formed interface is, in
comparison to the already existing air-liquid interface, not completely
occupied by surfactants. This causes a Marangoni tension in the di-
rection of the contact line along the interface. This Marangoni tension
opposes the bulk flow close to the air-liquid interface and causes a de-
viation of the flow field. In special cases this can lead to an opposing
interface flow compared to the bulk flow.

CPP 20.10 Tue 12:15 H13
Direct observation of gas meniscus formation on a superhy-
drophobic surface — eDoris VoLLMER!, MiMM1 ERIKSSON?, AGNE
SwEeRIN?, HANNU Trisanal, MicuarL KappL!, and HaNs-JURGEN
Burt! — 'MPI for Polymer Research, Mainz, Germany — 2RISE
Research Institutes of Sweden, Stockholm, Sweden

The formation of a bridging gas meniscus via cavitation or nanobubbles
is considered the most likely origin of the long-range attractive forces
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measured between hydrophobic surfaces in aqueous solution. On a su-
perhydrophobic surface a thin air layer is present and influences the
interaction. Here, we report time and space resolved imaging of the
formation and growth of a gas meniscus during force measurements
between a superhydrophobic surface and a hydrophobic microsphere
immersed in water. This is achieved by combining laser scanning con-
focal microscopy and colloidal probe force microscopy. The configu-
ration allows determination of the volume and shape of the meniscus,
together with direct calculation of the Young-Laplace capillary pres-
sure. The long-range attractive interactions acting on separation are
due to meniscus formation and volume growth as air is pulled from the
surface layer.

CPP 20.11 Tue 12:30 H13
Wetting of n-Alkane Nano-Patterns: Evidence of Macro-
scopic Line Tension Effects and Adaptive Wetting — eDiEco
Diaz', Tomas P. CorraLes?, Maria J. RETamaL3, MARCELO
CisTErRNAs!, NicoLas Moracal, Robprico CataLan!, MAaRrk
Buscu?*, Patrick HuBer?, Marco Soro-ARriaza®, and ULRICH
G. VorLkMmann! — llnstitute of Physics and CIEN-UC, P. Univ.
Catolica de Chile, Santiago, Chile — 2Department of Physics, UTFSM,
Valparaiso, Chile — 3Faculty of Chemistry and CIEN-UC, P. Univ.
Catolica de Chile, Santiago, Chile — 4TUHH, Hamburg, Germany

We present a wetting study of silicon samples coated with a single
layer of n-alkane molecules self-assembled perpendicular to the surface
by velocity-dependent dip-coating. The contact angle was measured
with 2 microliters of ultrapure water for different n-alkane surface cov-
erages. The results of the apparent contact angle versus coverage can
be grouped in two regimes that depend linearly on coverage. This can
be described by the Cassie wetting model along with the consideration
of line tension effects. The two wetting regimes are characterized by
two line tensions representing distinct alkane monolayer morphologies,
i.e. dentritic and stripe patterns resulting from different dip-coating
velocities. During drop evaporation, there is a restructuring of the
alkane monolayer structure which could be related to adaptive wet-
ting. Acknowledgements: FONDECYT Nos. 3160803 (MJR), 1180939
(UGV) 1171047 (MSA) and 11160664 (TPC), CONICYT Fellowship
(MC) and CONICYT-PIA ACT 1409.

CPP 20.12 Tue 12:45 HI13
Impact of Nanoparticles’ Surface Properties on their Physico-
Chemical Behavior in Pickering Emulsions — eSEBASTIAN
Stock, DMITRIJ STEHL, SANDRA FoORG, and REGINE voN KLITZING
— TU Darmstadt, Darmstadt, Germany

Pickering Emulsions (PEs) were first studied by S. U. Pickering in the
beginning of the last century and describe emulsions stabilized by par-
ticles that adsorb at the oil water interface and prevent coalescence of
the droplets. In the present study Halloysite Nanotubes, fumed col-
loidal silica and Latex nanospheres are used to stabilize PEs. They dis-
play significant differences regarding their surface properties, size and
shape. The surface of these particles is modified in order to investigate
the influence of surface charge or hydrophobicity on the whole systems
behavior including emulsion stability and reaction performance in ho-
mogeneous catalysis at the oil-water-interface. Additionally, the effect
of the surface-active Rh-catalyst is investigated. The interaction be-
tween catalyst and particle surface plays a significant role for mass
transfer and conversion.
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CPP 21: Two-dimensional Materials | (joint session HL/CPP)

Time: Tuesday 9:30-13:00

CPP 21.1 Tue 9:30 H36
Electronic Dipole Spin Resonance of 2D Semiconductor Spin
Qubits — eMAaTTHEW BRrROOKS and GUIDO BURKARD — Universitét
Konstanz, Konstanz, Deutschland

Monolayer transition metal dichalcogenides (TMDs) offer a novel two-
dimensional platform for semiconductor devices. One such application,
whereby the added low dimensional crystal physics (i.e. optical spin
selection rules) may prove TMDs a competitive candidate, is quan-
tum dots as qubits. The band structure of TMD monolayers offers
a number of different degrees of freedom and combinations thereof as
potential qubit basis, primarily electron spin, valley isospin and the
combination of the two due to the strong spin orbit coulping known as
a Kramers qubit. Pure spin qubits in monolayer MoXs (where X =
S or Se) have been shown to be achievable by energetically isolating a
single valley and tuning to a spin degenerate regime within that val-
ley by a combination of a sufficiently small quantum dot radius and
large perpendicular magnetic field. Within such a TMD spin qubit,
we theoretically induce and analyse single qubit rotations with an elec-
tric dipole spin resonance. We employ a rotating wave approximation
within a time dependant Schrieffer-Wolf approximation to derive an-
alytic expressions for the Rabi frequency of single qubit oscilations,
and compare this result to more exact numerics, as to find optimal
operational regimes.

CPP 21.2 Tue 9:45 H36
Metalorganic Vapour Phase Epitaxy (MOVPE) Technology
for 2D Transition Metal Dichalcogenides (TMDC)
eMicHAEL HEUKEND2, ANNIKA GRUNDMANNZ, DOMINIK
ANDRzZEJEWSKIS, TiLMAR KOMMELL], GErRD BacHER3, HOLGER
Kavisca?, and ANDREI VEscan? — YAIXTRON SE, Dornkaulstr. 2,
52134 Herzogenrath, Germany — 2Compound Semiconductor Tech-
nology, RWTH Aachen University, Sommerfeldstr. 18, 52074 Aachen,
Germany — 3Werkstoffe der Elektrotechnik and CENIDE, University
Duisburg-Essen, Bismarckstr. 81, 47057 Duisburg, Germany

The 2D TMDC MoS2 and WSz have raised strong interest due to
their exceptional properties and prospects for micro- and optoelec-
tronics. For fundamental material physics and the development of
(opto)electronic devices, a reproducible deposition technology provid-
ing uniform layers of controlled thickness and purity is indispensable.
MOVPE is perfectly suited for this task and can furthermore be scaled
up to production with high volume and yield. Here, we report on the
systematic investigation of 2D MoS2 and WSs growth on sapphire us-
ing a hydride-free MOVPE process in a commercial AIXTRON multi-
wafer MOVPE reactor. Metal hexacarbonyls (WCO and MCO) as
well as DTBS are used as high-purity MO sources. The impact of the
fundamental growth parameters is discussed, shedding light on nucle-
ation and lateral 2D growth until full layer coalescence. Samples are
characterized using Raman spectroscopy, SEM, AFM, PL, and reflec-
tometry. Finally, a WSa-based LED will be presented to demonstrate
the applicability of 2D TMDC for optoelectronic devices.

CPP 21.3 Tue 10:00 H36

Interplay of bright and dark excitons in transition metal
dichalcogenides — eMAaLTE SELIG!, DoOMINIK CHRISTIANSENL,
FroriaNn Karscu!, ErMIN MaLric?, and ANDREAs KNORR!

INichtlineare Optik und Quantenelektronik, Institut fiir Theoretische
Physik, Technische Universitit Berlin, Deutschland — 2Chalmers Uni-

versity of Technology, Department of Physics, Goteborg, Sweden

The extraordinarily strong Coulomb interaction in monolayers of tran-
sition metal dichalcogenides (TMDs) gives rise to the formation of
tightly bound electron hole pairs, excitons, which dominate the opti-
cal and electronic properties of these ultrathin materials. In particular,
a variety of dark exciton states occurs, including excitons with opposite
spins of the constituent carriers [1] and excitons with momenta well
above the radiative cone [2]. In this talk, we will address the impact
of such dark exciton states to the optical properties of TMDs, includ-
ing optical lineshape [2,3], luminescence properties [4] and intervalley
relaxation. Additionally, we compare the influence of these states on
the excitonic linewidth between mono- and bilayer samples [5].

[1] X.-X. Zhang et al., Nature Nanotechnology 12, 883 (2017)

[2] M. Selig et al., Nature Communications 13279 (2016)

[3] D. Christiansen et al., Physical Review Letters 119, 187402 (2017)
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[4] M. Selig et al., 2D Materials 5 035017 (2018)
[5] A. Raja et al., Nano Letters, 18 (10), 6135 (2018)

CPP 21.4 Tue 10:15 H36
Many-body quantum Monte Carlo study of 2D materials: co-
hesion and band gap in single-layer phosphorene — eT0BiAS
Frank!, RENE DERIANZ, KaMIL Tokar?, Lusos MiTas?, JAROSLAV
FaBian!, and Ivan Stica?? — 1University of Regensburg, Regens-
burg, Germany — 2Slovak Academy of Sciences, Bratislava, Slovakia
— 3North Carolina State University, Raleigh, NC — 4University of
Ss. Cyril and Methodius, Trnava, Slovakia

Quantum Monte Carlo (QMC) is applied to obtain the fundamen-
tal (quasiparticle) electronic band gap, Ay, of a semiconducting 2D
phosphorene. Similarly to other 2D materials, the electronic structure
of phosphorene is strongly influenced by reduced screening, making it
challenging to obtain reliable predictions by conventional methods. Us-
ing the recently uncovered universal scaling between the exciton bind-
ing energy and Ay, we predict the optical gap of about 1.7 eV that can
be directly related to experiments. The QMC gaps agree with recent
optical absorption and photoluminescence measurements. We also pre-
dict the cohesion of phosphorene to be only slightly smaller than that of
the bulk crystal. Our investigations not only benchmark GW methods
and experiments, but also open the field of 2D electronic structure to
computationally intensive but highly predictive QMC methods which
include many-body effects such as electronic correlations. We were sup-
ported by GRK Grant No. 1570, the International Doctorate Program
Topological Insulators of the Elite Network of Bavaria, and DFG SFB
1277 (B07). We acknowledge the Gauss Centre for Supercomputing
(www.gauss-centre.eu) for funding.

CPP 21.5 Tue 10:30 H36
Interlayer band-to-band tunneling in h-BN encapsulated

MoS2-WSe2 heterojunction — ePuanisu Cuaval2, VIvek
MooTHERI', HiMaNT ARoral2, KENJI WANTANBE®, TAKASHI
TanicucHr®, MaNFReED HeLm!, and Arrur ErBe! — !Helmholtz

Zentrum Dresden-Rossendorf, Bautzner Landstrasse 400, 01328 Dres-
den, Germany — 2TU Dresden, 01062 Dresden, Germany — 3National
Institute for Materials Science, 1-1 Namiki, Tsukuba 305-0044, Japan

Quantum mechanical band-to-band tunneling (BTBT) is a particular
type of carrier injection mechanism which is responsible for the elec-
tronic transport in tunneling based devices like Esaki diode and Tunnel
Field Effect Transistor (TFET). Atomically thin layers of transition
metal dichalcogenides (TMDCs) are promising semiconducting mate-
rials for realizing such devices owing to their sharp interfaces. In this
work, we demonstrate BTBT between the layers of molybdenum disul-
fide (MoS2) and tungsten diselenide (WSe2) in a MoS2-WSe2 hetero-
junction which is encapsulated with hexagonal boron nitride (h-BN)
on the top and bottom. Also, we employ few-layer graphene as the
contact material to the heterojunction thereby forming a 2D-2D van
der Waals contact. We find that the device works as a p-TFET for
for negative top gate voltages and an n-MOSFET for positive top gate
voltages. The device exhibits Negative Transconductance (NTC) in
the positive gate voltage regime, a minimum sub-threshold swing of
about 170 mV / dec at 125 K and an ON-OFF ratio of about 10°.

CPP 21.6 Tue 10:45 H36
Effects of the Fermi Level Energy on the Adsorption of O2
to Monolayer MoS2 — ePHILIP KLEMENT!, CHRISTINA STEINKE®,
SaNGAM CHATTERJEE!, TiM WEHLING®, and MARTIN EICKHOFF? —
Hnstitute of Experimental Physics I and Center for Materials Re-
search, Justus Liebig University Giessen, D-35392 Giessen, Germany
— 2Institute of Solid State Physics, University of Bremen, D-28359
Bremen, Germany — 3Institute for Theoretical Physics and Bremen
Center for Computational Material Sciences, University of Bremen,
D-28359 Bremen, Germany

Two-dimensional transition metal dichalcogenides possess large
surface-to-volume ratios that make them ideal candidates for sensing
applications such as detecting the surface adsorption of specific gas
molecules. The resulting changes of the electrical and optical proper-
ties allow for detection and analysis of interaction mechanisms at the
sensing interface. Specifically, we investigate the influence of O2 ad-
sorption on monolayer MoS2 and the role of the Fermi level energy in
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this process. We record the response in photoluminescence and trans-
port properties of monolayer MoS2 upon O2 adsorption and the impact
of external electric gating. We find an increase of the photolumines-
cence intensity and a reduction of the conductivity upon O2 adsorp-
tion, and show that the adsorption can be enhanced by an increase of
the Fermi level energy. These results demonstrate that ionosorption
of O2 on MoS2 by charge transfer only occurs if free carriers are avail-
able in the conduction band of MoS2. Furthermore, photoluminescence
recording is rendered advantageous for sensing.

15 min. break

CPP 21.7 Tue 11:15 H36

inverted polarization of biexciton
NaGLER!, MAR-

Zeeman splitting and

emission in monolayer WSy, — ePHILIPP
1ANA V. BaLLoTTIN?, ANATOLIE A. MiTiocLu?, MIKHAIL V.
DURNEVS, Takasui TanicucHr?, Kgenis WaranaBe?, ALEXEY

CHERNIKOV!, CHRISTIAN SCcHULLER!, MikHAIL GLazov®, PETER C.
M. CHrisTIANEN?, and ToBias Korn! — 1 University of Regensburg
— 2High Field Magnet Laboratory, Nijmegen — 3Ioffe Institute, St.
Petersburg, Russia — *NIMS, Tsukuba, Japan

Monolayer TMDCs are an ideal testbed to study the physics of quasi-
particles in the two-dimensional limit. Besides excitons, more complex
many-body states such as trions and biexcitons can emerge due to the
strong Coulomb interaction in these materials. Here, we shed light on
the intricate many-body physics of biexcitons in monolayer WSs [1].
The encapsulation of the monolayer between two sheets of hBN signifi-
cantly reduces the overall spectral broadening and allows us to observe
biexciton emission with linewidths below 5 meV at 4 K. In magneto-PL
experiments, we observe an inverted field-induced polarization, imply-
ing a preferential population of the high-energy peak in emission. We
explain this unusual phenomenon by considering the evolution of the
total energy of the biexciton complex in a magnetic field. Based on the
experimental results and the developed model we are able to identify
the momentum-space configuration of the optically dominant biexci-
ton state of monolayer WSs.

[1] P. Nagler et al., Phys. Rev. Lett. 121, 057402 (2018)

CPP 21.8 Tue 11:30 H36
Electromagnetically induced transparency in second-
harmonic generation from monolayer WSe2 — eKaIl-QIiaNG
LiNn, RoBERT MARTIN, SEBASTIAN BaNGE, and JoHN LupTON —
Institut fiir Experimentelle und Angewandte Physik, Universitat Re-
gensburg, 93053 Regensburg, Germany

Electromagnetically induced transparency (EIT) occurs in atomic sys-
tems and shows versatile applications in slow-light generation, gain
without inversion and optical quantum-information processing. We
demonstrate a cavity-free, atomic-like EIT effect in single-layer crystals
of WSe2, probed by exploiting the intrinsic second-harmonic genera-
tion (SHQG) arising from the breaking of inversion symmetry.[1] Under
conditions of double resonance of the driving and radiated field with
the fundamental transitions, the SHG spectrum bifurcates. The fea-
ture follows a pump-wavelength-dependent spectral anticrossing, accu-
rately described by a ladder-type three-level model. Crucially, the SHG
power-law exponent diverges from the canonical value of 2 to follow
a Fano-like dispersion with wavelength. This dispersion is retained at
room temperature, implying persistence of quantum interference. Our
work opens up opportunities to exploit quantum nonlinear optics such
as inversionless gain in the solid state.

[1]. K.-Q. Lin, S. Bange and J. M. Lupton, Nature Physics, in press.
(preprint: https://arxiv.org/abs/1811.09479)

CPP 21.9 Tue 11:45 H36
Studying exciton-phonon interaction in a MoSe; monolayer
by fluorescence-detected 2D electronic micro-spectroscopy
— eDongHAI Li!, CHiARA TROVATELLO?, STEFANO DaL CONTE?,
MarTHIAS Nuss!, GiancarLo Soavi®, ANDREA FERRARIS, GIULIO
CeruLLO?*, and Tosias Brixner! — !nstitut fiir Physikalische
und Theoretische Chemie, Universitdt Wiirzburg, Am Hubland, 97074
Wiirzburg, Germany — 2Dipartimento di Fisica, Politecnico di Mi-
lano, Piazza Leonardo da Vinci 32, 20133 Milano, Italy — 3Cambridge
Graphene Centre, University of Cambridge, Cambridge, UK. —
4]stituto di Fotonica e Nanotecnologie, CNR, Piazza Leonardo da Vinci
32, 20133 Milano, Italy

Monolayer transition metal dichalcogenides (TMDs) received exten-
sive attention as they have extraordinary opto-electronic characteris-
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tic. Exciton-phonon interaction in TMD monolayers can result in side-
bands in their absorption spectra, for some dark states are activated by
exciton-phonon scattering [1]. However, in the absorption spectra, the
phonon-induced sidebands are obscured by inhomogeneous broaden-
ing. Here, we study the excitonic physics of a MoSes monolayer using
fluorescence-based two-dimensional (2D) electronic spectroscopy. We
confirm and extend the theoretical prediction [1] by our observations
of sidebands and their quantum beating behavior within the 2D spec-
tra. The analysis indicates a four-level energy structure with one dark
state near the excited state and an additional, unpredicted, one near
the ground state activated by exciton-phonon scattering.
[1] D. Christiansen et al., Phys. Rev. Lett. 119, 187402 (2017)

CPP 21.10 Tue 12:00 H36
Transport and photoelectron spectroscopy of few-layer epi-
taxial WSey; — eHiro NakAMURA!, AvatsE MonAaMMED!, PHILIPP
RosenzwElG!, KATHRIN MULLER!, PETER WOoOCHNER!, ARMIN
Scnurz!, MonNa STaDLER?, MicHAEL JETTER?, PETER MICHLER?,
UrricH STARKE!, and HipENorr Takacr!3* — 'Max Planck In-
stitute for Solid State Research — 2Institut fiir Halbleiteroptik und
Funktionelle Grenzflichen, University of Stuttgart — 3Department of
Physics, University of Tokyo — “Institute for Functional Matter and
Quantum Technologies, University of Stuttgart

Giant spin splitting of monolayer WSes is an interesting element both
for spintronics and topological phenomena. Here, we present electronic
and structural properties of few-layer WSes grown by hybrid pulsed-
laser deposition. Angle-resolved, ultraviolet and X-ray photoelectron
spectroscopy reveal the band structure of monolayer WSez including
strong spin-orbit splitting, as well as clarify the band alignment be-
tween WSez and the underlying graphene/SiC substrate, indicating
electron transfer from graphene to WSea. To access the valence bands
in transport, hole-doping of few-layer WSes has been performed using
Nb as a dopant. The Hall effect and transport measurements confirmed
the expected density of hole carriers, and associated metallic conduc-
tion down to low temperatures for optimal films. Synchrotron X-ray
diffraction sheds further light on structure-property relationships, in
particular strain effects in the WSes layer.

CPP 21.11 Tue 12:15 H36
Excitation-Induced Transition from Direct to Indirect Band
Gaps in Monolayer TMDs — eDaNIEL ERBEN!, ALEXANDER
STeEINHOFF!, MicHAEL Lorkel2, Tim WEHLINGY2, CHRISTOPHER
Gies', and Frank Jaunke! — !Institute for Theoretical Physics,
University of Bremen — 2Bremen Center for Computational Materi-

als Science, University of Bremen

Monolayers of transition metal dichalcogenides (TMDs) show excep-
tionally strong Coulomb interaction between charge carriers due to the
small thickness and weak dielectric screening. Many-body interactions
induced by excited charge carriers directly influence the electronic and
optical properties in these materials. Strong many-particle renormal-
izations caused by the Coulomb interaction of the excited carriers will
be discussed for MoSsa, MoSea, WSo and WSes. We solve the semicon-
ductor Bloch equations on the full Brillouin zone using ab-initio band
structures and interaction matrix elements.

Large excitation-dependent band-gap renormalizations are found. In
all four materials, the conduction band X-valley exhibits a stronger
shift to lower energies than the K-valley. As a result, all four TMDs
show a tendency to become more indirect or even undergo a transition
from a direct to indirect band gap with increasing excited carrier den-
sity.

For optical excitation of monolayer TMDs, we also study the con-
nection between pump fluence and excited carrier density. The con-
tributions of various many-body effects to a strong non-linearity are
identified.

CPP 21.12 Tue 12:30 H36
Theory of Exciton-Exciton Coupling in Atomically Thin
Transition Metal Dichalcogenides — eFLORIAN KATsCcH, MALTE
SeLIG, and ANDREAS KNORR — Institut fiir Theoretische Physik,
Nichtlineare Optik und Quantenelektronik, Technische Universitét
Berlin, 10623 Berlin, Germany

The valley-selective circular dichroism in monolayer transition metal
dichalcogenides (TMDCs) and the subsequent fast valley depolar-
ization due to intervalley Coulomb interactions enables the study of
new many-body physics in these atomically thin materials. Here, a
microscopic approach is presented to describe the optical response of
monolayer TMDCs dominated by strongly correlated, bound electron-
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hole pairs [1, 2]. The approach includes Hartree-Fock and correlation
effects up to two excitonic excitations [3], as well as TMDC typical
Coulomb intra- and intervalley coupling and exciton-phonon inter-
actions [4]. The developed theory is applied to access the exciton
dynamics in the coherent limit and contributes to the understanding
of valley-selective pump-probe experiments [5, 6].

[1] A. L. Ivanov and H. Haug, Phys. Rev. B 48, 1490 (1993).
[2] F. Katsch et. al., Phys. Status Solidi B, 1800185 (2018).
[3] V. M. Axt and A. Stahl, Z. Phys. B 93, 2 (1994).

[4] M. Selig et. al., 2D Mater. 5, 035017 (2018).

[5] C. Mai et. al., Nano Lett. 14, 202 (2013).

[6] R. Schmidt et. at., Nano Lett. 16, 2945 (2016).

CPP 21.13 Tue 12:45 H36
Creation and optical spectroscopy of localized excitons in 2D
MoS; — eOLEG GRIDENCO, SVEN MEHRKENS, KATHRIN SEBALD,
CHRISTIAN TESSAREK, MARTIN EickHorr, and JURGEN GUTOWSKI
— Institute of Solid State Physics, University of Bremen, Otto-Hahn-
Allee 1, D-28359 Bremen, Germany

It is known that missing atoms in a semiconductor are exciton trap-
ping sites, moreover, excitons can bind to impurity atoms or can be
trapped in a potential well created by local strain or structural de-
fects. In this context, structuring with a focused ion beam gives the
opportunity for manipulation of 2D materials on the nanometer scale.
In this study, we explore how focused gallium ion irradiation affects
the intrinsic luminescence and vibrational properties of atomically thin
MoSsz. Defects were introduced by scanning the Ga™t ion probe over a
certain area of the flake using a focused ion beam (FIB). The amount
of defects was controlled by varying the Ga* ion dose starting from 2
x 1012 ions/cm? until the PL signal was completely vanished (2 x 1013
ions/cm?). After Gat ion irradiation, micro-photoluminescence mea-
surements at T=4K show that the A exciton emission is suppressed
and a new peak, a bound exciton (D) located at 1.75 eV, emerges. This
broad peak is redshifted by AE~170 meV with respect to the neutral
exciton X emission. Encapsulating monolayer MoSs into hBN drasti-
cally reduces the inhomogeneous contributions to the exciton linewidth
[1]. The possibilities of tailoring optically active defect centers in 2D
MoS2 to even host single-photon emitters will be discussed.
[1] E. Courtade et al., Appl. Phys. Lett. 113, 032106 (2018).

CPP 22: Plasmonics | (joint session O/CPP)

Time: Tuesday 10:30-12:45

CPP 22.1 Tue 10:30 HS8
Creating functional plasmonic fields with orbital angular
momentum via meta structures — eEva Prinz!2, GRrisHA
SPEKTORS3, MicHAEL HARTELT!, ANNA-KATHARINA ManRrRO!, MEIR
ORENSTEIN®, and MARTIN AESCHLIMANN! — !Department of Physics
and Research Center OPTIMAS, TU Kaiserslautern, Germany —
2Graduate School Materials Science in Mainz, Staudingerweg 9, 55128
Mainz, Germany — 3Department of Electrical Engineering, Technion
- Israel Institute of Technology, Israel

Optical fields can carry spin angular momentum (SAM) in the form
of circularly polarized light and orbital angular momentum (OAM) as
helical wavefronts. In the field of plasmonics, surface plasmon polari-
tons (SPPs) can carry surface confined OAM in the form of plasmonic
vortices. Controlling such vortices opens the door towards a variety of
applications.

Plasmonic OAM can be generated by the use of plasmonic vortex
lenses (PVLs), a type of coupling structure based on Archimedean spi-
rals. We demonstrate both experimentally and in simulations a modu-
lar plasmonic lens assembling strategy for the sculpturing of functional
plasmonic fields. This approach is based on meta structures and allows
the creation of lenses with an effective chirality that depends on the
illumination. The coupling structures are milled into a gold surface
and the created SPPs are detected via time-resolved PEEM.

CPP 22.2 Tue 10:45 HS
Advanced optical programming of individual meta-atoms be-
yond the effective medium approach — eANDREAs F. HEsSLER!,
ANN-KaTRIN U. MicreL!, SEBAsTIAN MEYER!2, JULIAN PRrigs!,
YuaN Yul, Martin LEwin!, ToBias W. W. Mass!, MarTHIAS
Wurtic!, Dmitry N. CuiGriNnb2, and THomAs TAUBNER! —
'Institute of Physics (IA), RWTH Aachen — 2DWI - Leibniz Insti-

tute for Interactive Materials, Aachen

Despite their nanometer thickness, active metasurfaces (MSs) based on
phase-change materials (PCMs) enable compact photonic components,
offering adjustable functionality for the manipulation of light, such as
polarization filtering, lensing and beam steering[1]. Commonly, they
feature multiple operation states by switching the whole PCM fully
between two states of drastically different optical properties|2]. Inter-
mediate states of the PCM have also been exploited to obtain gradual
resonance shifts which are usually uniform over the whole MS and
described by effective medium theory. We now demonstrate simulta-
neous control of size, position and crystallization depth of the switched
PCM volume within each meta-atom. By modifying the local optical
properties, reflection amplitude and phase can be programmed at the
meta-atom scale. This goes beyond previous effective medium concepts
and should allow for multiple complex functionalities on the same MS
or small adaptive corrections to external aberrations and fabrication
errors.

[1] X. Yin et al., Light Sci Appl. 6, e17016 (2017).

[2] M. Wuttig et al., Nat. Photon. 11, 465 (2017).
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CPP 22.3 Tue 11:00 HS8
A Spin-Optical Nano Device — eENNo Krauss!, Gary
Razinskas!, Dominik Kock!, SweN GrossMaNN!, and BERT
Hecur!:2 — 1Nano-Optics and Biophotonics Group, Department of
Experimental Physics 5, University of Wiirzburg, Wiirzburg, Germany
— 2Wilhelm-Conrad-Réntgen-Center for Complex Material Systems
(RCCM), University of Wiirzburg, Wiirzburg, Germany

The photon spin is an important resource for quantum information
processing as is the electron spin in spintronics. However, for subwave-
length confined optical excitations, polarisation as a global property of
a mode cannot be defined. Here, we show that any polarisation state
of a plane-wave photon can reversibly be mapped to a pseudo-spin em-
bodied by the two fundamental modes of a subwavelength plasmonic
two-wire transmission line. We design a device in which this pseudo-
spin evolves in a well-defined way throughout the device reminiscent of
the evolution of photon polarisation in a birefringent medium and the
behaviour of electron spins in the channel of a spin field-effect transis-
tor. The significance of this pseudo spin is enriched by the fact that it is
subject to spin-orbit locking. Combined with optically active materials
to exert external control over the pseudo-spin precession, our findings
could enable spin-optical transistors, i.e. the routing and processing
of quantum information with light on a subwavelength scale.

CPP 22.4 Tue 11:15 HS8
Magneto-optical thermal Hall effect — e ANNIKA OTT!, PHILIPPE
BEN-ABDALLAHZ, and SVEND-AGE Biras! — llInstitut fiir Physik,
Carl von Ossietzky Universitat, D-26111 Oldenburg, Germany —
2Laboratoire Charles Fabry, UMR 8501, Institut d’Optique, CNRS,
Université Paris-Sud 11, 2, Avenue Augustin Fresnel, 91127 Palaiseau
Cedex, France

The control of heat flux at the nanoscale by means of external magnetic
fields has attracted much attention, recently. It could be shown that
the near-field heat transfer between two magneto-optical slabs can be
tuned by the external field [1], and unexpected and very interesting
effects like the thermal radiative Hall effect, persistent currents, and
giant magneto-resistance [2, 3, 4, 5] have been highlighted. Here we
discuss the existence of a circular heat flux [6] as the origin of the
thermal radiative Hall effect.

References:

1. E. Moncada-Villa, V. Fernandez-Hurtado, F. J. Garcia-Vidal, A.
Garcia-Martin, and J. C.Cuevas, Phys. Rev. B 92, 125418 (2015). 2.
P. Ben-Abdallah, Phys. Rev. Lett. 116, 084301, (2016). 3. L. Zhu
and S. Fan, Phys. Rev. Lett. 117, 134303 (2016). 4. I. Latella and
P. Ben-Abdallah, Phys. Rev. Lett. 118, 173902, (2017). 5. R. M.
Abraham Ekeroth, P. Ben-Abdallah, J.C. Cuevas and A. Garcia Mar-
tin, ACS Photonics, 5, 705-710, (2018). 6. A. Ott, P. Ben-Abdallah,
S.-A. Biehs, Physical Review B, 97, 205414 (2018).

CPP 22.5 Tue 11:30 HS

Electroluminescence from transparent graphene nanojunc-
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tions — eCHRISTIAN OTT, MARTIN HAUuck, SascHA KorN, and
Heiko B. WEBER — Lehrstuhl fiir Angewandte Physik, Friedrich-
Alexander-Universitdt Erlangen-Niirnberg (FAU), Staudtstr. 7/Bau
A3, D-91058 Erlangen, Germany

Electroluminescence (EL) emitted from metal-metal tunnel junctions
has already been observed in STM experiments in the late 80s [1],
nevertheless its origin is still under scientific discussion and is usually
attributed either to plasmonic modes triggered by the granular na-
ture of current [2] or to blackbody-like radiation of the injected hot
electrons [3]. We report on EL emitted from graphene-graphene nano-
junctions (GNJ) fabricated from epitaxial graphene on silicon carbide
[4]. In stark contrast to STM experiments, GNJs provide a flat, ac-
cessible and transparent geometry, allowing an unobscured optical and
electron-microscopic access. The observed EL shows a blackbody like
spectrum with surprisingly high apparent temperatures well above the
damage threshold of the material. Our findings are critically discussed
in terms of differences and similarities to other reported experiments
(especially STM) to highlight their contribution to the understanding
of an elementary process of light-matter interaction.

[1] Schlittler et al., Z. Phys. B. 72, 497 - 501 (1988) [2| Peters et al.,
PRL 119, 066803 (2017) [3] Downes et al., Applied Physics Letters 81,
7 (2002) [4] Ullmann et al., Nano Letters 14, 5 (2015)

CPP 22.6 Tue 11:45 HS8
Towards Niobium Plasmonics for Single Photon Detection
— oAHMED Farag, MonNika UBL, ANNIKA KONZELMANN, MARIO
HenTscHEL, and HARALD GIESSEN — 4th Physics Institute, Center
for Integrated Quantum Science and Technology IQST, and Research
Center SCoPE, University of Stuttgart, Pfaffenwaldring 57, 70569
Stuttgart, Germany

With the fast development in single photon based technologies such
as quantum computing and quantum cryptography, conventional
avalanche photodiodes as single photon detectors are not the opti-
mum tools anymore. They are currently replaced by Superconducting
Nanowire Single Photon Detectors (SNSPDs) based on the supercon-
ductivity of certain materials. The current challenge with SNSPDs lies
in overcoming the trade-off between the detection efficiency and the
recovery time. While a large active area will lead to high detection
efficiency, the associated high kinetic inductance causes a long recov-
ery time. Plasmonic nanoantennas can play an important role in the
absorption enhancement of SNSPDs. These nanostructures provide a
high absorption cross section at resonance, significantly larger than
their geometric cross section. We present a plasmonic photon detector
based on niobium, as one of the common superconductors with low ki-
netic inductance. Additionally, we are increasing the absorption of our
nanostructures even further using the perfect absorber scheme. We
fabricated a plasmonic perfect absorber SNSPD, investigated its re-
sponse to external light at resonance, and proved the plasmonic-based
working principle as evidenced by its polarization dependence.

CPP 22.7 Tue 12:00 HS8
Probing surface plasmon with phase-shaped electron
energy-loss spectroscopy — eHuco LoURENCO-MARTINS!, Davy
GERARD?, Jo VERBEECK®, GruLio GuzziNari®, and MATHIEU
Kociak! — 1Laboratoire de Physique des Solides, Université Paris-
Saclay, France — 21.2n, Université de Technologie de Troyes, France
— 3EMAT, University of Antwerp, Belgium

Electron energy loss spectroscopy (EELS) has attracted a large interest
due to its efficiency in resolving plasmonic resonance at the nanometer
scale. However, it remained intrinsically unable to detect plasmonic
phase-related properties. Nevertheless, vortex electron states consti-
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tute a perfect candidate to overcome this limitation and measure op-
tical dichroism in an electron microscope [1]. Moreover, it has been
recently demonstrated that such probes can be created in an electron
microscope by tailoring the phase of the beam [2]. In the present work
[3], we developed a semiclassical formalism describing the interaction
between an electron probe with an arbitrary phase profile and a plas-
monic mode. We showed that the equation ruling this interaction takes
the elegant form of a transition matrix between two electron states
mediated by the eigenpotentials of the plasmon modes. In this con-
tribution, we will present the theoretical formalism and a wide variety
of numerical studies of interactions between different nano-structures
and phase-shaped electron probes, with a special emphasis on the ex-
perimental feasibility of the proposed geometries. [1] Asenjo-Garcia et
al. PRL 113 (2014) [2] Verbeeck et al, Nature 467 (2010) [3] Guzzinati
et al., Nature Com. 8 (2017)

CPP 22.8 Tue 12:15 HS8
Quantitative phase imaging of plasmonic metasurfaces —
oViasTiMIL KRAPEK!, PETR DvORAK!, ALEXANDER FASSBENDERZ,
PeTr Boucuar!, Martin Hrrox!, Jiki Babocky!, FiLp
LicmaJER!, RapmM CHMELIK!, STEFAN LINDEN2, and ToMAS
Sikora! — 1Central European Institute of Technology, Brno Univer-
sity of Technology, Purkyniova 123, 612 00 Brno, Czech Republic —
2Physikalisches Institut, Universitit Bonn, Nussallee 12, 53115 Bonn,

Germany

‘We report on wide-field quantitative phase imaging of plasmonic meta-
surfaces by coherence-controlled holographic microscopy [1] and 4th
generation quantitative optical microscopy. Both resonant [2] and ge-
ometric phase [3,4] are retrieved for various metasurfaces including a
lens and a vortex beam plate. Three-dimensional imaging, polarization
sensitivity, and sensitivity down to single antenna is demonstrated.
[1] P. Kolman et al., Opt. Express 18, 21990 (2010).

[2] J. Babocky et al., ACS Photonics 4, 1389 (2017).

[3] A. Fabender et al., APL Photonics 3, 110803 (2018).

[4] P. Bouchal et al., arXiv 1811.01561.

CPP 22.9 Tue 12:30 HS8
Influence of laser parameters on spatially periodic heating
of metals induced by surface plasmon polaritons — ePavEL
N. TerexkHIND 2 PascaL D. Npione!, SEBasTian T. WEBER!, and
BaEerRBEL RETHFELD! — !Department of Physics and Research Cen-
ter Optimas, University of Kaiserslautern, Erwin-Schroedinger-Strasse
46, 67663 Kaiserslautern, Germany — 2National Research Centre
?Kurchatov Institute”, Kurchatov Sq. 1, 123182 Moscow, Russia

We present a detailed investigation of periodic heating of metals and
periodic structure formation on their surfaces induced by surface plas-
mon polaritons (SPPs) after irradiation with ultrashort laser pulses.
The interference of the incident and the SPPs electromagnetic waves
leads to an enhancement of the resulting field and, therefore, a spatial
modulation of the deposited laser energy.

Our aim is to show the influence of laser parameters on the forma-
tion of surface structures. The two-temperature model (TTM) is used
to calculate the evolution of electronic and lattice temperatures. A
new source term in the TTM, which takes into account plasmonic sub-
system, is derived. The results obtained indicate that the electronic
temperature shows the same spatial oscillations as the source term.
Further, these oscillations are still present in the lattice temperature
when being heated to the melting point. That could cause the forma-
tion of the periodic structures on the surface of the solid. Therefore,
the developed model allows calculating materials’ heating after ultra-
short laser irradiation and studying the fundamental mechanisms of
laser energy absorption under controlled conditions.



Regensburg 2019 — CPP

Tuesday

CPP 23: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge Ill (joint
session O/CPP/DS/TT)

Time: Tuesday 10:30-13:00

Topical Talk CPP 23.1 Tue 10:30 H9
Addressing the structure and dynamics of weakly-bonded in-
terfaces — eMAaRIANA Rossi — Fritz Haber Institute of the Max
Planck Society, Faradayweg 4-6, 14195 Berlin

Interfaces between different materials constitute the basis of techno-
logical devices. Incorporating organic components within different ar-
chitectures opens the path for creating more versatile interfaces with a
wide range of properties at a reduced cost. However, the large confor-
mational space that organic components can explore at finite tempera-
tures and the inherent anharmonicity of their intra and intermolecular
interactions brings further challenges to first-principles simulations. In
this talk, I will discuss our recent efforts to address these challenges,
based on developments within density functional theory an ab initio
(path integral) molecular dynamics. I will present strategies for confor-
mational space sampling of organic/inorganic interfaces, discuss the re-
lationship between atomic and electronic structure including the effect
of different functionals, present techniques to include anharmonicity in
vibrational fingerprints and machine learning tools to calculate these at
reduced costs, and our recent methodological developments that allow
the inclusion of quantum nuclear effects in high-dimensional systems
(especially weakly bonded interfaces) using path integral molecular
dynamics.

CPP 23.2 Tue 11:00 H9
Elucidating the Nuclear Quantum Dynamics of Intramolec-
ular Double Hydrogen Transfer in Porphycene — eYaIr
Litman!, JEREMY O. RicHARDsON?, TakasH1 Kumacall, and MARI-
ANA Rossi? — !Fritz Haber Insitute of the Max Planck Society, Berlin,
Germany — 2ETH, Zurich, Switzerland

We address the double hydrogen transfer (DHT) dynamics of the por-
phycene molecule: A complex paradigmatic system where the mak-
ing and breaking of H-bonds in a highly anharmonic potential energy
surface requires a quantum mechanical treatment not only of the elec-
trons but also of the nuclei[1]. We combine density-functional theory
calculations, employing hybrid functionals and van der Waals correc-
tions, with recently proposed and optimized path-integral ring-polymer
methods for the calculation of vibrational spectra and reaction rates.
Our simulations predict the position and width of the N-H stretching
band of porphycene and DHT rates in excellent agreement with exper-
iments, thus confirming our determination of the tunneling pathways
and the anharmonic mode couplings that play a role in this reaction.
They also provide quantitative information about the usually ignored
competition between concerted and stepwise DHT pathways at differ-
ent temperature. These results show that our theoretical approach
can describe hydrogen transfer dynamics in different environments,
for example when porphycenes are adsorbed on surfaces in prototype
molecular switch architectures|2|. [1] Y. Litman, Richardson, J. O.,
Kumagai, T., Rossi, M. arXiv:1810.05681. [2] T. Kumagai, et al., J.
Chem. Phys., 148, 102330 (2018).

CPP 23.3 Tue 11:15 H9
Interplay of quantum nuclear fluctuations and the electronic
structure of the cyclohexane/Rh(111) interface — e KAREN FI-
DANYAN and MARIANA Rosst — Fritz Haber Institute of the Max
Planck Society, Faradayweg 4-6, Berlin

Cyclohexane (CgHj2) adsorbed on metal surfaces can participate in
catalytic dehydrogenation reactions, which show good potential for
hydrogen storage. It has been observed experimentally that CeHiz
adsorbed on the Rh(111) surface shows an isotope effect on the work
function change and the adsorption energy upon deuteration [1]. The
physical origin of this puzzling isotope effect on the electronic struc-
ture has not been fully resolved. We employ density-functional theory
(PBE functional with van der Waals corrections) and ab initio path-
integral molecular dynamics at 150 K to characterize the underlying
physics of this phenomenon. We perform these simulations almost
at classical-nuclei cost by making use of the spatially-localized ring-
polymer contraction scheme proposed in Ref. [2]. The harmonic ap-
proximation to zero-point-energy in the adsorption energy is not able
to capture the isotope effects observed experimentally. We thus in-
clude anharmonic corrections through the dynamics and identify the
temperature-dependent electronic level broadening and renormaliza-
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tion due to the interaction with phonons in this system.

[1] T. Koitaya and J. Yoshinobu, Chem. Rec. 14 848-856 (2014).

[2] Y. Litman, D. Donadio, M. Ceriotti and M. Rossi, J. Chem. Phys.
148 102320 (2018).

CPP 23.4 Tue 11:30 H9
Quantum-Nuclear Effects in Anharmonic Thermal Trans-
port of Organic Materials — eHacEN-HENRIK KowaLski, MAR-
1ANA Rossi, MaTTHIAS SCHEFFLER, and CHRISTIAN CARBOGNO —
Fritz-Haber-Institut der Max-Planck-Gesellschaft, Berlin

To date, an accurate computational assessment of thermal transport in
organic compounds still constitutes a considerable challenge for first
principles theory, since the vibrations in such compounds are to a
large extent governed by quantum-nuclear (QN) and strongly anhar-
monic (SA) effects [1]. Perturbative approaches account for QN, but
not for SA effects, whereas Molecular Dynamics (MD) approaches [2]
with classical nuclei account for SA, but neglect QN effects. To over-
come this limitation, we here present a framework capable of account-
ing for both QN and SA effects by sampling the vibrational motion via
Thermostatted Ring Polymer Molecular Dynamics (TRPMD). The lat-
tice thermal conductivity is assessed through the Green-Kubo formal-
ism and the auto-correlation of the heat flux. To obtain this quantity,
we extend the ab initio heat-flux definition proposed in Ref. [2] from
MD to TRPMD, in order to include QN effects. We critically discuss
the approach, its accuracy, and numerical cost for several materials,
ranging from toy-models, e.g., solid Argon, to recently discussed or-
ganic materials, in which both QN and SA effects are non-negligible.
[1] M. Rossi, P. Gasparotto, M. Ceriotti, Phys. Rev. Lett. 117,
115702, (2016).

[2] C. Carbogno, R. Ramprasad, and M. Scheffler, Phys. Rev. Lett.
118, 175901, (2017).

CPP 23.5 Tue 11:45 H9
Electronic Conduction in Metal Junctions with Multi-Heme
Proteins — ¢ZpENEK FuTErRA!, X1uvun Jianc!, JaN ELsNER?, and
JocHEN BLUMBERGERY3 — 1Department of Physics and Astronomy,
University College London, Gower Street, London WC1E 6BT, United
Kingdom — Z2University of Cambridge, Robinson College, Grange
Road, Cambridge CB3 9AN, United Kingdom — 3Institute for Ad-
vanced Study, Technische Universitdt Miinchen, Lichtenbergstrasse 2
a, D-85748, Garching, Germany

Multi-heme proteins such as STC or MtrF are membrane proteins fa-
cilitating long-range electron transfer (ET) across cell membrane in
metal-reducing bacteria. We have used classical molecular dynamics
(MD) together with electronic-structure calculations based on den-
sity functional theory (DFT) to show that in native environment the
conducted electrons are transferred by incoherent hopping between
the heme cofactors. However, recent experimental measurements of
current-voltage (I-V) curves suggested that the ET mechanism changes
to coherent electron tunneling in vacuum when the protein is electroni-
cally coupled with metal electrodes. To investigate such conditions, we
performed MD simulations in accurate gold/protein interaction force
field to identify adsorption of STC and MtrF between two gold elec-
trodes. By large-scale DFT calculations of the whole interfacial struc-
ture we identified the conduction channels formed predominantly by
delocalized heme iron states. Finally, we apply Landauer formalism to
compute I-V curves on STC junction using the DFT electronic states
corrected for band alignment and discuss the ET mechanism.

CPP 23.6 Tue 12:00 H9
Elastic and lattice-dynamical properties of titanium-based
compounds — ePETER WEBER, PAasQUALE PavonE, and CLAUDIA
DraxL — Humboldt-Univeristdt zu Berlin, Physics Department and
IRIS Adlershof, Germany

Titanium is the basic element of a variety of compounds with very
different electronic, mechanical, and thermal properties. While, for in-
stance, the rocksalt crystals TiC and TiN are well known for their hard-
ness, allotropes of TiO2 show much softer elastic behaviour. In this
work we present the results of an ab-initio investigation of the elastic
and lattice-dynamical properties of these compounds under pressure.
The elastic-constant tensor is calculated up to the third order. Pres-
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sure effects on the lattice-dynamical properties of these compounds are
evaluated in terms of the mode Griineisen parameter at the Brillouin
zone center. The calculations are performed using density-functional
theory as implemented in the full-potential all-electron software pack-
age exciting [1]. Linear and nonlinear elastic constants are obtained
using the ElaStic tool [2].

[1] A. Gulans et al., J. Phys.: Condens. Matter 26 (2014) 363202
[2] R. Golesorkhtabar et al., Comp. Phys. Commun. 184 1861 (2013)

CPP 23.7 Tue 12:15 H9
Understanding the electron transport through NiSis-Si in-
terfaces — eFLoriaN Fucmsh234 SiByLLe Gemmincg!23 and
JorG ScHusTER?* — lInstitute of Physics, Technische Universitit
Chemnitz, Chemnitz, Germany — 2Center for Advancing Electronics
Dresden (cfaed), Dresden, Germany — 2Helmholtz-Zentrum Dresden-
Rossendorf (HZDR), Dresden, Germany — *Fraunhofer Institute for
Electronic Nano Systems (ENAS), Chemnitz, Germany

Metal-semiconductor interfaces are of huge importance for applications
and can be found in various field-effect transistors. We study the in-
terface between NiSiz and silicon on the basis of density functional
theory and the NEGF formalism. Different crystal orientations and
strain states are investigated systematically.

We focus on the tunneling phenomena of carriers through the Schot-
tky contact at the interface, which are crucial for the on-current in
transistors. The on-current is found to be strongly dependent on strain
and orientation. It will be shown that the height of the Schottky bar-
rier determines the tunneling current. However, not all changes in
the current can be traced back to the barrier height. The modifica-
tion of the electronic structure matter as well, which can be modeled
based on the effective mass of the tunneling carriers. We have also ex-
tracted work functions of the isolated materials which we relate to the
extracted Schottky barrier heights. It will be shown that the Schottky-
Mott model fails for this material system. Better approaches will be
discussed in our contribution.

CPP 23.8 Tue 12:30 H9
Impact of Lattice Screening on Wannier-Mott Excitons
— oCraupia ROpL — Institut fiir Festkorpertheorie und -optik,
Friedrich-Schiller-Universitdt Jena, Max-Wien-Platz 1, 07743 Jena,
Germany

Optical properties of materials are most relevant for a large variety

of technological applications, ranging from photovoltaics over vari-
ous spectroscopy techniques to LEDs and displays. In optical spec-

tra, microscopic quantum many-body effects like excitons, i.e. coupled
electron-hole-pair excitations, are measurable at a macroscopic scale
and crucially determine the materials properties. Hence, a deep under-
standing of exciton physics constitutes an indispensable driving force
for innovation in optics and optoelectronics.

The state-of-the-art parameter-free theoretical description of exci-
tons is based on the Bethe-Salpeter equation of many-body pertur-
bation theory. The present theoretical standard approach takes only
the static electronic screening of the electron-hole-pair interaction into
account. The coupling of excitons to phonons and, hence, polaronic
screening contributions are omitted. However, the exciton-phonon cou-
pling is crucial for the qualitative and quantitative understanding of
exciton spectra in materials with strong polaronic effects, such as many
technologically highly relevant oxides. We will tackle this problem and
explore routes towards the inclusion of the polaronic screening contri-
butions into the Bethe-Salpeter framework. As test systems, we study
simple two-atomic bulk semiconductors and insulators.

CPP 23.9 Tue 12:45 H9
Discovering a novel nanometric cubic phase in monochalco-
genide semiconductors - Theory meets experiment — eGuy
Maxkov!h2, Urt Arcaman!, ELap Secev?, Ran ABursuLl2, and
YuvaL Goran':2 — 1Dept. of Materials, Ben-Gurion University,
Beer-Sheva, Israel — 2Ilse Katz Institute of nanoscience, Ben-Gurion
University, Beer-Sheva, Israel

A new nanometric cubic binary phase with a low-symmetry 64-atom
cubic structure was recently discovered in tin monosulfide. Subse-
quently, this phase was synthesized and identified in tin monoselenide
and posited to exist in germanium monosulfide and monoselenide based
on density functional theory total energy calculations. A series of com-
putational and experimental studies have identified promising optical
properties due to the larger bandgap and non-centrosymmetric struc-
ture of the crystal. The structure, atomic positions, band gaps and
vibrational spectra of these phases were determined by ab-initio den-
sity functional calculations and found to be in very good agreement
with experimental measurements. The phases were determined to be
mechanically stable from ab-initio phonon spectra and energetically
close to competing structures such as rhombohedral and orthorhom-
bic. Surface energy calculations indicate that the particles must be
stabilized by ligand adsorption. Ligand surface properties are explored
to explain the nanocrystal growth mechanisms. This talk will focus on
the results of our calculations on surface and bulk properties and their
interplay with experimental studies.

CPP 24: Focus: Mechanoresponsive Molecules and Materials - organized by Kerstin Blank and
Robert Gostl

Time: Tuesday 10:45-13:00

Invited Talk CPP 24.1 Tue 10:45 H14
Mechanochemical activation of Cu-NHC-complexes : molec-
ular design, force-measurements and application in polymer
materials — eWoLraNG H BINDER!, MicHEL BIEwEND!, PHILIPP
MicuagL!, MARTIN BEYER?, and MATTHEW SaMMon? — !Martin-
Luther University Halle-Wittenberg, Institute of Chemistry, Chair
of Macromolecular Chemistry — 2Leopold-Franzens-Universitét Inns-
bruck, Institut fiir Tonenphysik und Angewandte Physik

Understanding rupture of single chemical bonds is an important aspect
in chemistry, physics and biology, as many bonds form and reform re-
versibly, imparting dynamic properties into a molecule or the material
it is embedded into (eg. DNA-replication, protein-assembly). How-
ever, rupture of covalent bonds can also be induced by molecular force
when acting on a chemical bond, enabling bond breaking by distortion.
We here report on a metal-complex designed to be activated by molec-
ular force, transmitted via bound polymer chains acting as molecular
handles. We will discuss the chemical nature of the metal-complex act-
ing as a mechanophoric system, followed by considerations to measure
the molecular force by AFM. Designed cyclic mechanophores enable
to discriminate true disruptive events from purely thermal induced
debonding events. The use of molecular networks to efficiently trans-
mit force onto the labile mechanochemical bonds will be discussed in
view of force-detection in polymeric materials. References: Chem. Soc.
Rev. 2011, 40, 2359; MRC, 2018, 0, 1800376; Angew. Chem., Int. Ed.
2015, 54, 13918; Angew. Chem. Int. Ed. 2015, 54, 2556.
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Location: H14

15 min. break

Invited Talk CPP 24.2 Tue 11:30 H14
Mechanoradicals in collagen or: Why playing soccer hurts —
oFRAUKE GRATERDZ, CHRISTOPHER ZAPPL'2, AGNIESZKA OBARSKA-
Kosinski!, CsaBa Dapay!, and ReinuarRD Kaprpr3 — THITS, Hei-
delberg, Germany — 2Interdisciplinary Center for Scientific Comput-
ing, Heidelberg University, Germany — 3Medical Center of Saarland,
Homburg, Germany

Polymers subjected to mechanical stress - be it a shoe sole or rubber
band - generate mechanoradicals by undergoing homolytic bond scis-
sion. The existence, nature and mode of action of mechanoradicals
formed in protein materials under physiological levels of loading, are
fully unknown. I will present our recent results on mechanoradicals
in collagen. Electron-paramagnetic resonance (EPR) spectroscopy of
stretched rat tail tendon fascicles in conjunction with atomistic Molec-
ular Dynamics simulations of collagen I model fibrils show that the
radicals form by bond scission in the direct vicinity of crosslinks along
the fiber. Radicals then migrate to the adjacent clusters of aromatic
residues where they are stabilized. They finally convert into hydrogen
peroxide, a key redox signaling molecule. Our work proposes protein
mechanoradicals as a yet undiscovered source of oxidative stress, with
potential links to processes such as pain sensation and inflammation.
Being exposed to extreme loads, collagen I evolved as a radical sponge,
a defense against mechano-oxidative damage.
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CPP 24.3 Tue 12:00 H14
Joint experimental and computational design of tunable
molecular photoswitches based on Hemithioindigo com-
pounds — eMARTIN LEA, BARNEY LEWIS, MICHAEL STANIFORTH,
VasiLios Stavros, and REINHARD J. MAURER — Univeristy of War-
wick, Coventry, United Kingdom

The ability to reversibly modify the properties of a material in response
to external stimuli is fundamental for the design of novel functional
materials. Being able to manufacture and control this ability at the
molecular level could lead to the realization of the next generation of
nanomaterials for sensors and optoelectronics. Achieving an under-
standing of how chemical modifications can be used to augment or
even inhibit switching will enable intuitive component design for the
fabrication of tailor-made, light responsive materials and interfaces.
An emerging class of photoswitching molecules are Hemithioindigos
(HTIs). HTIs exhibit exciting photoisomerization properties which
can be tuned through means of chemical functionalization. Here we
present a joint first-principles-based computational and spectroscopic
experimental study on the influence functional groups have upon the
key design parameters of HTIs that enable the switching capabilities.
These design parameters include spectral properties and the thermo-
dynamic stability of the equilibrium compounds, but also parameters
that capture the ground - and excited - state landscapes that determine
the photodynamics. On the basis of our findings, we propose molecules
with a propensity for successful switching in different applications.

CPP 24.4 Tue 12:15 HI14
How mechanical properties of coiled coils depend on the
oligomerization state: comparing dimers and trimers using
molecular dynamics simulations — e ANA BErRGUES-Puro, REIN-
HARD Lipowsky, KERSTIN BrLANK, and ANA VIiLA VERDE — Max
Planck Institute of Colloids and Interfaces, Potsdam, Germany

Coiled-coils (CCs) are ubiquitous motifs in many proteins of the cy-
toskeleton, extracellular matrix and also in bio-engineered materials.
The study of their mechanical response is crucial to understand their
function and to tune their properties for specific applications. The rela-

tionship between CC sequence-structure and mechanics at the molecu-
lar level is however not fully understood. Here, we investigate different
aspects of CC topology in the mechanical response under shear stress
by means of molecular dynamics simulations: we compared a dimer
and a trimer CC of similar sequence composition and also look at the
effect of amino acids mutations and single helix stability in the me-
chanical response of the trimer.

The trimeric coiled coil is mechanically more stable than the dimer.
The molecular mechanisms of deformation are also different: trimer
exhibits irreversible helix unfolding, while unfolding/refolding assisted
sliding is observed for the dimer. Interestingly, this increase on stabil-
ity is almost unaffected by mutations on the hydrophobic and charged
amino acids of the trimer. These interactions are known to be determi-
nant for the thermodynamic stability. On the other hand, the mechan-
ical strength of the trimer considerably increases if helical strength is
increased such that single helix unfolding is prevented.

Invited Talk CPP 24.5 Tue 12:30 H14
The challenges and opportunities of polymer mechanochem-
istry — eRomaN BouraTtov — University of Liverpool, Liverpool,
UK

Polymer mechanochemistry is an emerging field at the interface of
chemistry, materials science, physics and engineering. It aims at under-
standing and exploiting unique reactivities of stretched polymer chains.
Macromolecules or their segments become stretched in bulk polymers
under mechanical loads or when polymer solutions are sonicated or flow
rapidly through abrupt contractions. Increasing amount of empirical
data suggest that mechanochemical phenomena are widespread wher-
ever polymers are used. In the past decade, empirical mechanochem-
istry has progressed enormously, from studying fragmentations of com-
modity polymers by simple backbone homolysis to demonstrations of
self-strengthening and stress-reporting materials and mechanochemi-
cal cascades using purposefully designed monomers. Progress in devel-
oping the conceptual foundation of mechanochemistry has been more
limited. I’ll discuss this progress and the outstanding challenges facing
polymer mechanochemistry.

CPP 25: Poster Session Il

Topics: Complex Fluids and Colloids, Micelles and Vesicles (25.1-25.10); Composites and Functional
Polymer Hybrids (25.11-25.18); Emerging Topics in Chemical and Polymer Physics, New Instruments
and Methods (25.19-25.20); Hydrogels and Microgels (25.21-25.26); Modeling and Simulation of Soft
Matter (25.27-25.35); Nanostructures, Nanostructuring and Nanosized Soft Matter (25.36-25.44); Re-
sponsive and Adaptive Systems (25.45-25.49); Wetting, Fluidics and Liquids at Interfaces and Surfaces

(25.50-25.58).
Time: Tuesday 14:00-16:00

CPP 25.1 Tue 14:00 Poster Bl
Thermodiffusion of Binary Halobenzene-n-Alkane Mixtures
— eBAasTIAN PUR, FLORIAN ScHOCK, and WERNER KOHLER — Uni-
versitiat Bayreuth, 95440 Bayreuth, Germany

The Soret effect (thermophoresis) describes a diffusion flux that is
driven by a temperature gradient in a multicomponent mixture. For
dilute solutions of polymers with large Kuhn segments there is a re-
markable universality for the thermophoretic velocity: it depends only
on the viscosity 7 of the solvent. The thermal diffusion coefficient D,
also known as the thermophoretic mobility, multiplied by the solvent
viscosity leads to a constant value (nDr & const.). This universality
is asymptotically also found for binary mixtures of methylnaphtalene
and toluene in n-alkanes. To pursue these observations we have con-
ducted measurements with halobenzene-n-alkane mixtures. The mea-
sured mixtures correspond to the series of halobenzenes fluoro-, chloro-
and bromobenze mixed with n-alkanes nC; (i=6,7,8,10,12,14 and 16).
By means of a holographic grating technique we have obtained the
Fickian diffusion coefficient D, the Soret coefficient St and the ther-
mal diffusion coefficient Dp. These results will be compared to the
universal asymptotic limit of D7 reported for polymer solutions.

~

CPP 25.2 Tue 14:00 Poster Bl
Measurement of transport processes in multicomponent lig-
uids by multi-color techniques — eMARCEL ScHRAML, PascaL
Mo6ckEL, FELIX SOMMER, and WERNER KOHLER — Department of
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Location: Poster B1

Physics, University of Bayreuth, 95447 Bayreuth

Diffusive flows in a non-isothermal multicomponent fluid are character-
ized by complex cross-coupling phenomena between all concentration
and temperature gradients. Since the number of unknown coefficients
increases quadratically with the number of components, such multi-
component systems quickly become intractable, and today’s research
focuses mainly on ternary mixtures as multicomponent model systems.

Within the ESA/Roscosmos DCMIX program, measurements are
performed both under microgravity conditions aboard the Interna-
tional Space Station ISS and in various laboratories on ground. In
order to resolve all components, optical multicolor beam deflection and
interferometry experiments are typically employed. The most critical
step in the data analysis is the transformation from the multicolor
refractive index space to the compositions, for which the so-called con-
trast factor matrix must be inverted. Since this matrix is frequently
ill-conditioned, extremely precise measurements of the partial deriva-
tives of the refractive index with respect to the composition variables
and the temperature are required.

In our poster we will present the optical multi-color techniques em-
ployed both on ground and in space and discuss consistent multicolor
measurements of the optical contrast factors.

CPP 25.3 Tue 14:00 Poster Bl

Camphor/Succinonitrile — a model system for metal al-

loys subjectedto a temperature gradient — eFELIX SOMMER!,
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MARCEL ScHRAML!, BasTiaN Pur!, WERNER KOHLER!, GERHARD
ZIMMERMANNZ, and LaszLo STurz? — !Physikalisches Institut, Uni-
versitat Bayreuth — 2Access e.V. Aachen

Hypoeutectic Succinonitrile/Camphor alloys serve as model systems
for the solidification of binary metal alloys. The development of the
solidification patterns strongly depend on the solute transport at the
solid-liquid interface, which is often assumed to be diffusional, even in a
thermal gradient. Under such nonequilibrium conditions in a thermal
gradient, diffusive flows are characterized by complex cross-coupling
phenomena between concentration and temperature gradients. As a
consequence, the local composition can significantly shift away from
its initial concentration, resulting in unexpected solidification patterns.
In order to better understand these mechanisms, we have studied dif-
fusion and thermodiffusion of camphor/succinonitrile binary mixtures
around the eutectic composition in the liquid phase. We have been
able to determine diffusion, thermodiffusion and Soret coefficients by
means of optical beam deflection and photon correlation spectroscopy.
For the evaluation of the experiments, precise measurements of the op-
tical contrast factors were performed. Our results prove a significant
cross coupling between temperature and composition.

CPP 25.4 Tue 14:00 Poster Bl
The Soret effect in ternary mixtures of water 4 ethanol
+ triethylene glycol of equal mass fractions: ground and
microgravity experiments — eDANIEL SOMMERMANN', THOMAS
TRILLER!, MARCEL ScHRAML!, FELIX SoMMER!, WERNER KOHLER!,
EsTELA LaPEIRAZ, and MouNIR M. Bou-AL1?2 — 1Physikalisches In-
stitut, Universitit Bayreuth, Germany — 2Mechanical and Manufac-
turing Department, MGEP Mondragon, Spain

Measurements of the Soret and thermodiffusion coefficients of a sym-
metric ternary mixture with equal mass fractions of water, ethanol,
and tri-ethylene glycol have been performed by two-color optical beam
deflection and the thermogravitational column technique in the lab-
oratory and under microgravity conditions in the SODI apparatus
aboard the ISS. The results from all three experimental techniques
agree within the experimental error bars. The agreement with the mi-
crogravity results shows that thermosolutal convection could be well
controlled in the 2-OBD experiments by a proper orientation of the
temperature gradient. Based on the orientation of the confidence el-
lipsoid, not all coefficients are equally affected by experimental errors.
Although there are appreciable uncertainties for water and ethanol,
the Soret and the thermodiffusion coefficients of tri-ethylene glycol
could be obtained with a good accuracy. We have found that water
behaves thermophobic, whereas both ethanol and tri-ethylene glycol
are thermophilic with negative Soret coefficients.|[1]
[1] T.Triller et al., Eur. Phys. J. E, submitted 2018

CPP 25.5 Tue 14:00 Poster Bl
1D capillary collapse and the role of initial fluctuations in
Brownian Dynamics and DDFT — e ANJA SCHREIBER, JOHANNES
BLEIBEL, and MARTIN OETTEL — Institut fiir angewandte Physik,
Universitdt Tiibingen, Tibingen, Germany
We investigate the so—called capillary collapse of colloidal particles
trapped a fluid interface in 1D Brownian Dynamics (BD) simulations.
Interfacially trapped, micrometer—sized colloidal particles interact via
long-ranged capillary attraction. The interaction is formally analo-
gous to screened Newtonian gravity with the capillary length A as the
tuneable screening length. Within intensive studies of the dynamics in
2D[1], it turned out that radially averaged Dynamical Density Func-
tional Theory (DDFT) only captures the dynamics at initial times and
largely deviates from simulation results later on. This discrepancy
has been traced to the role of an initially averaged configuration in
DDFT|2|. In BD, simulation runs are averaged over initial conditions
and noise. The long-ranged potential and initial density fluctuations
allow for an early clustering of particles prior to a global, collective col-
lapse similar to a self gravitating fluid. This clustering remains present
through most stages of the evolution and renders averaged density pro-
files, which deviate largely from DDFT. Since the clustering process is
much more restricted in 1D, we use 1D simulations in order to shed
light on the precise role of initial fluctuations in the averaging process
and subsequent dynamics both in BD simulations and DDFT.

[1] Bleibel, Dominguez, Oettel, Dietrich, Soft Matter 10, 4091
(2014).
[2] Bleibel, Dominguez, Oettel, JPCM 28, 244021 (2016).

CPP 25.6 Tue 14:00 Poster Bl

Role of pH in Micro-Swimming — eNADIR MOLLER and THOMAS
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PALBERG — Institut fiir Physik, Johannes Gutenberg-Universtéat
Mainz, Staudingerweg 7, 55128 Mainz, Germany

Modular micro-swimmers are self-assembled systems of colloids that
are able to directionally traverse in a low Reynolds number environ-
ment after assemlby. In our modular micro-swimmer, a settled ion
exchange (IEX) sphere exchanges residual Na+ ions for H+ and thus
generates a pH-gradient. This gradient in turn induces a diffusion-
electric field which drives an electro-osmotic solvent flow along the
substrate. The flow assembles dispersed cargo spheres, which, once
assembled break the flow symmetry and set the formed complex in
motion. While a comprehensive characterisation of swimmer trajec-
tories, speeds and stability as a function of experimental boundary
conditions has been performed, and a theoretical model has been de-
veloped, the key input of modelling, i.e. the pH gradients, are avail-
able only in approximations. To gain insight of the influence the pH
has on the particles motions, we utilize a home-built setup for pH-
micro-photometry. This method can be employed in a variety of other
systems for characterization of microfluidic and chemical attributes of
electro-osmotic-driven particles.

CPP 25.7 Tue 14:00 Poster Bl
Competing nucleation and fractionation in hard sphere crys-
tals — eNicoLE ScHAERTL!, JENNIFER WENzL!, THOMAS PALBERG!,
and EckHARD Barrscu? — lInstitute of Physics, Johannes Guten-
berg University, Mainz, Germany — 2Institute of Physical Chemistry,

Albert Ludwigs University, Freiburg, Germany

Fluid to crystal first order phase transition of monodisperse hard
spheres (HS) upon increasing volume fraction was predicted in the
1950s and later confirmed experimentally on sterically stabilized HS
approximants [1]. In particle synthesis, size polydispersity is unavoid-
able. According to theory, a polydisperse fluid should yield coexisting
solid phases upon compression [2]. Despite the general anticipation
towards fractionation in HS systems, no direct observation has been
reported so far. We decided to focus on PS microgel particles with
6% polydispersity in a good solvent. Sufficiently steep steric repulsion
for HS-like behavior is obtained at high degree of crosslinking. Recent
studies have shown that this colloidal system is less prone to jamming
effects than other common HS approximants [3]. This makes this sys-
tems particularly interesting for crystallization studies. Time resolved
static light scattering revealed several series of well indexable Bragg
reflexes shortly after shear melting and re-solidification. This demon-
strates the existence of crystals with same fcc structure but different
lattice constants. During ripening stage the number of identifiable
fractions slowly reduces from half a dozen to three. [1] Pusey, van
Megen, Nature 320, 340 (1986) [2] Fasolo, Sollich, Phys. Rev. Lett.
91, 068301 (2003) [3] Schaertl et al., Soft Matter, 14, 5130 (2018)

CPP 25.8 Tue 14:00 Poster Bl
Dynamic susceptibility of a cluster interacting superparam-
agnetic particles in an oscillating magnetic field — eVLADIMIR
ZveEREV and ALEXANDR AMBAROV — Ural Federal University, Eka-
terinburg, Russia

At the present moment several methods for reconstructing the spatial
distribution of magnetic particles are being developed. Most of them
are based on measurements of the dynamic susceptibility and an en-
semble of magnetic nanoparticles is used as a sensitive element. Multi-
core magnetic nanoparticles allow an increase the temporal resolution
and improves the signal-to-noise ratio. In this work we investigate
dynamic response of a single cluster of an ensemble of interacting fer-
roparticles that are formed multicore magnetic particle. It is assumed
that the relaxation of the magnetic moments occurs due to Neel mech-
anism. Dynamic response of a cluster of single-domain particles in a
viscous carrier are determined from the solution of the Fokker-Planck
equation. The modified mean-field approach of first-order is used to
take into account the dipole-dipole interaction. The time dependence
of the magnetization is calculated to determine effective magnetic mo-
ment and relaxation time.

CPP 25.9 Tue 14:00 Poster Bl
Colloidal particle sizing using various techniques — eKATHRIN
EiTeL and Hans-JoacHIM ScHOPE — Institut fiir Angewandte Physik,
Tiibingen
Nanoscience and nanotechnology are playing key roles in different sci-
entific disciplines and its importance increased significantly over the
last years. Particle size analysis is of essential importance in research
and development as well as in industrial production. Different tech-
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niques are used for particle sizing, all given optimal results in a certain
particle size range. In dispersions of nano- to micrometer-sized parti-
cles, DLS is commonly used. DDM might be a more exact alternative
method for particle sizing. In this work, we compared DDM with the
established methods such as DLS and SLS working out their advan-
tages and disadvantages.

Keywords: colloids, SLS, DLS, and DDM.

CPP 25.10 Tue 14:00 Poster B1
Pressure-induced phase transition in silica nanoparticle-
polymer solutions — eMarc MoRoN, JULIAN ScHULZE, Ju-

LiA Nasg, MicHAEL Paurus, and MEeTIN Toran — Fakultat
Physik/DELTA, TU Dortmund, 44221 Dortmund, Germany

Nanoparticles are in the focus of current research because they are
important for many applications like thermal energy storage or med-
ical chemistry. Silica nanoparticles in aqueous solution show a repul-
sive Coulomb interaction. By adding non-adsorbing polymers (e.g.
polyethylene glycol), the total particle-particle interaction can become
more attractive. With increasing polymer concentration, the system
undergoes a phase transition from the homogenous phase into a liquid-
liquid phase separated phase (LLPS). If the system is exposed to high
pressure the system switches back into the homogenous phase. In this
work, light transmission and small-angle X-ray scattering measure-
ments on systems, containing 1 wt.% silica nanoparticles and various
molecular weight and concentration of PEG, were performed to un-
derstand of the phase transition on a microscopic level. By combin-
ing these techniques, we were able to determine a pressure-dependent
phase diagram, and obtained information about typical distances be-
tween the nanoparticles in the LLPS phase. The measurements showed
that the transition pressure strongly depends on concentration and the
size ratio between the polymers and the nanoparticles.

CPP 25.11 Tue 14:00 Poster Bl
Polymers for lithium ion batteries - investigating composite
electrodes — oCRrisTIAN TELEScU, SIMON J. SCHAPER, and PETER
MULLER-BuscuBauM — TU Miinchen, Physik-Department, LS Funk-
tionelle Materialien, 85748 Garching, Germany.

With the development of new technologies the demand for reliable,
cheap and long life batteries with high specific energy and high effi-
ciency is constantly increasing. Therefore, a significant effort is de-
voted to the improvement of battery performance. The lithium-ion
polymer battery is a prospective candidate for powering the new gen-
eration of electrical devices and vehicles due to outstanding advan-
tages as low weight, high negative potential and high specific capacity.
These features are of critical significance for the automotive and elec-
tronics industries. Improving materials, composition, and interfaces is
still necessary to exploit the possibilities of polymer based lithium-ion
batteries. In this work, a study of polymer composite cathodes with
lithium iron phosphate (LFP) and lithium nickel cadmium aluminum
oxide (NCA) as active materials is presented and the key performance
results are provided.

CPP 25.12 Tue 14:00 Poster Bl
Influencing the properties of fullerene-free bulk heterojunc-
tion blends for photovoltaic applications — eAmirR KoTosi!,
SeBASTIAN GroTT!, Craupia OTT?, ToMm NiLges?, and PETER
MULLER-BuscuBauM! — 11TU Miinchen, Physik-Department, LS
Funktionelle Materialien, James-Franck-Str. 1, 85748 Garching — 22
TU Miinchen, Department Chemie, LS innovative Materialien, Licht-

enbergstrafie 4, 85748 Garching

Over the past decades, organic electronics have attracted increased
focus in the field of research. Especially organic solar cells received
a high attention, due to their advantages, such as the tuneability of
photo-active properties, the possibility to be produced at low-cost, the
flexibility and the light-weight, compared to commonly-used inorganic
based solar cells. Recently, the most widely investigated bulk hetero-
junction donor-acceptor system of PSHT:PCBM was doped with iron
oxide nanoparticles, resulting in an increase of efficiency. Based on
this approach, we investigate the effect of doping photoactive layers
consisting of the low-bandgap polymer PBDB-T and the non-fullerene
acceptor ITIC with SnIP nanoparticles We study the influence of differ-
ent nanoparticle concentrations on current-density voltage character-
istics and the absorbance. These optoelectronic properties are related
to structure information obtained via advanced scattering techniques
in order to optimize the device performance.

CPP 25.13 Tue 14:00 Poster B1
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Synthesis of Well-Controlled Titania Hollow Spheres —
e ANNA LECHNER and MARrRkUS RETscH — University of Bayreuth,
Bayreuth, Germany

Over the past few decades, the interest in titania based materials in-
creased enormously because of its strong oxidative potential and pho-
tocatalytic activity.

The controlled synthesis of monodisperse and well-defined titania
particles on the mesoscale still poses a challenge. In particular core-
shell architectures and hollow spheres are interesting titania morpholo-
gies owing to their hierarchical architecture controlled by a large diam-
eter and thin shell. In contrast to the synthesis of silica hollow spheres,
the synthesis of titania hollow spheres is more challenging because of
the highly reactive precursors.

This contribution presents the three steps of a controlled and scal-
able synthesis of titania hollow spheres of various sizes. First, the
synthesis of polystyrene particles via dispersion polymerization is ex-
plained. Here, several parameters for the adjustment of the particle
size are discussed. Furthermore, the synthesis of smooth titania shells
of defined thicknesses is presented following a simple precursor conden-
sation strategy. Finally, the template core removal can compromise the
integrity of the titania shell. We assess strategies to retain the struc-
tural control to yield monodisperse titania hollow spheres.

We will also provide an outlook of the exciting properties of such
hierarchically structured porous titania materials with respect to their
optical and thermal transport properties.

CPP 25.14 Tue 14:00 Poster Bl
Thermo-mechanical behavior of silver-filled thermoplastic
polymers — e AMIRA Baccari and PETER MULLER-BUSCHBAUM —
TU Miinchen, Physik Department, LS Funktionelle Materialien, 85748
Garching, Germany

Filled thermosetting and thermoplastic polymers are used for silver-
filled, electrically conductive adhesives in the printed circuit board in-
dustry. These are a type of glue containing usually 80% of a conductive
material and 20% of a polymer matrix that has the necessary mechan-
ical and thermal properties. The produced electronic devices need to
pass several thermo-mechanical tests using dynamic mechanical anal-
ysis and thermal mechanical analysis (DMA and TMA) techniques in
order to get a good expectancy of the lifetime performance and be-
havior of the products. Companies concerned with the manufacturing
of electronics want to use experiments and simulation for assessing a
new adhesive based on a thermoplastic polymer matrix (instead of the
usual epoxy-based composite adhesive). Thermo-mechanical material
models of polymers are essential for obtaining meaningful results from
thermo-mechanical simulation. The electronics packaging community
has an acceptable understanding of the thermo-mechanical behavior of
thermosetting epoxy polymers, but not yet of silver-filled thermoplas-
tic polymer matrices, which will be focused in this work.

CPP 25.15 Tue 14:00 Poster Bl
Polybutadiene in Alumina nanopores — eLaMA TANNOURY —
Institute of Physics, Martin Luther University, Halle (Saale), Germany

Several studies concerning 1,4-polyutadiene (PBD) confined between
graphite walls have been performed perviously. They have shown that
the polymer melts experience, at close distances to the confining walls,
a variation in both monomer and chain density. Furthermore, that
layer also experiences a change in dynamics incorporated in the slowing
down of and an extra process of relaxation. These studies are essential
to the comprehension of composite materials made of polymer matri-
ces and inorganic filler particles such as rubber tires. The latter is a
composite material filled with nanoparticles. However, since previous
research on PBD melts permeated by nano-sized fillers could not reach
relaxation time scales accessible by Molecular Dynamics (MD) simu-
lations, we attempt to study a chemically realistic model of a PBD
melt inside alumina and silica pores using the GROMACS package.
‘We aim to enhance our view concerning bulk relaxation processes and
any modifications they experience due to confinement.

CPP 25.16 Tue 14:00 Poster Bl
Magnetic Nanoparticle / Polymer Brush Composites: The
Effect of pH and Concentration on Particle Adsorption —
ePHiLIPP RITZERT, DIKRAN BovacivaN, and REGINE v KLITZING —
Soft Matter at Interfaces, Institut fiir Festkorperphysik, TU Darmstadt

Polymer chains, which are end-grafted chemically to a substrate are
referred as polymer brushes and have attracted a growing interest in
the field of surface coating over the last few decades due to their high
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mechanical and chemical stability. Based on the functional group of
the monomer unit, it may exhibit sensitivity to external stimuli, such
as temperature, pH or solvent (1). Polymer brushes can bind different
kinds of material with a high selectivity, depending on the available
functional groups. Recent studies demonstrated the incorporation of
nanoparticles into different kinds of polymer brushes (1; 2; 3). In the
case of gold nanoparticles (AuNPs), the uptake induced novel optical
properties, due to the Surface Plasmon Resonance of the AuNPs (3).

The present work demonstrated the successful immobilization of
magnetic nanoparticles (MNPs) on Poly(N-isopropylacrylamide) (PNI-
PAM) brushes. The pH-sensitive citrate capping of the MNPs stabi-
lizes the MNPs in the neutral to basic pH regime and simultaneously
binds to the PNIPAM brush via H-bonding. The goal of this work is to
characterize the adsorption of MNP on PNIPAM brushes by changing
the pH value and concentration of the MNP suspension.

1. S. Christau, et al. Macromolecules. 2017, 50, pp. 7333-7343.

2. D. Boyaciyan, et al. SoftMatter. 2018, 14, pp. 4029-4039.

3. S. Christau, et al. Polymers. 2014, 6, pp. 1877-1896.

CPP 25.17 Tue 14:00 Poster B1
Thermoelectric Characterization of Polymer Composite Thin
Films — eMARIE SIEGERT!, ALEXANDER STEEGER?, and JENS
Prraumb?2 — 1Experimental Physics VI, Julius Maximilian Univer-
sity of Wiirzburg, 97074 Wiirzburg — 2Bavarian Center for Applied

Energy Research (ZAE Bayern), 97074 Wiirzburg

In recent years, organic thin films have become of interest for ther-
moelectric applications as a low-cost, sustainable alternative to inor-
ganic semiconductors. To achieve a high thermoelectric figure of merit
2T = 08?T/k, which is a measure for the efficiency of converting
waste heat into electricity, the thermal conductivity « of the thin film
needs to be minimized, while maximizing its electrical conductivity
o. Polymer thin films, which can be prepared by solution process-
ing at large scales, exhibit sufficiently low thermal conductivities, but
lack high electrical conductivity as a result of their inherent disor-
der. In contrast, crystalline organic metals, requesting high efforts
on their preparation, show superior charge carrier transport charac-
terized by a metallic conductivity behavior over a wide temperature
range [1]. Here we report on the combination of the two material ap-
proaches by preparing composite thin films of the well studied polymer
PEDOT:PSS blended with crystallites of the low-dimensional molec-
ular metal TTTglI3. First results on the electrical and thermal prop-
erties of these polymer-molecular metal composites will be presented
and evaluated with respect to their application potential in thin film
based thermoelectric generators.

[1] F. Huewe, A. Steeger, et al., Adv. Mat. 29 (2017) 1605682

CPP 25.18 Tue 14:00 Poster B1
Characterization of interfaces in coextruded polypropylene-
based multilayer structures via confocal Raman spectroscopy
— oCLAUDIA LEIMHOFER', SABINE HiLD!, and ELiAS MAYRHOFER?
— Mnstitute of Polymer Science, Johannes Kepler University, Linz,
Austria — 2Institute of Polymer Extrusion and Compounding, Jo-
hannes Kepler University, Linz, Austria

Co-extrusion of polymers is a powerful tool to produce multilayer com-
posites that combine properties which cannot be achieved by pure sub-
stances alone. The strength of the total composite is determined by the
adhesion between the adjacent layers. The polyolefines used in indus-
trial applications often are non-polar and show low surface free energy
which impairs the overall adhesion. Different adhesion mechanisms
for polymers were proposed in the literature. One widely accepted
model is based on interdiffusion of the materials and the formation
of an interface layer. The aim of the study is to characterize the in-
terdiffusion layers of a co-extruded polypropylene-based composite by
confocal Raman spectroscopy. With Raman spectroscopy, the chemical
composition of the substances in the bulk layers as well as at the in-
terface can be determined. In the characterized seven-layered systems,
a polyethylene- and vinyl alcohol-based barrier layer is combined with
a maleic acid grafted polypropylene adhesive, pure polypropylene and
a regrind material. The different layers can be clearly differentiated,
and the presence of interface layers with spectral properties deviating
from the pure substances can be observed.

CPP 25.19 Tue 14:00 Poster Bl

Protein dynamics of a thermophile photosystem — eDomMINIK
ScHWAIGER!, Maksym Goru2, INA SEUFFERT?, ATHINA ZOUNIS,
WieBKE Lonstron?, PrTER MULLER-BuscuBauM!, and Jorc

PiepErR? — TU Miinchen, Physik-Department, LS Funktionelle Ma-
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terialien, 85748 Garching — 2Institute of Physics, University of Tartu,
Tartu, Estonia — 3Institute of Biology, Humboldt-Universitit zu
Berlin, Berlin, Germany — %Heinz Maier-Leibnitz Zentrum (MLZ),
TU Miinchen, Garching, Germany

Photosynthesis is the key mechanism in utilization of solar radiation
for living organisms and thus provides the base for most food chains
and all fossil fuels. The functionality of photosynthetic proteins is -
in part- critically influenced by dynamics on a timescale of pico- to
milliseconds and on sub-nanometer length scale. The neutron time
of flight spectrometer TOFTOF at MLZ-Garching is well suited to
study such dynamics, and we currently develop a laser pump setup
for TOFTOF allowing us to trigger photoreactions and subsequently
probe the dynamics of specific functional states with neutrons. In a
first step towards time-resolved measurements, static quasielastic neu-
tron scattering (QENS) experiments were performed on photosystem
IT (PSII) complexes of the thermophile bacterium thermococcus elon-
gatus, whose protein dynamics is expected to play a pivotal role in
thermal adaptation. Using QENS, we have directly investigated PS 1I
protein dynamics on the picosecond timescale in a range from 200 K
to 340 K. The results suggest a shift of the onset of protein dynamics
towards higher temperatures in thermophile PSII.

CPP 25.20 Tue 14:00 Poster Bl
NMR investigations of microfluidics using stripline geome-
try — eRaouL NirzscHE, BENJaAMIN KRESSE, ALEXEI F. PrivaLov,
and MicHAEL VoGEL — TU Darmstadt, Institut fiir Festkorperphysik,
Hochschulstr. 6, 64289, Darmstadt, Germany

NMR spectroscopy with microfluidic devices puts high requirements
on the probeheads sensitivity. Due to small sample volumes in the
ul range, common high frequency (HF) coils of typically 5 to 10 mm
cannot be completely filled. A solution to this problem is the stripline,
a component commonly used in HF-technique. A flat wire instead of
a coil produces the RF pulse in the NMR experiment and detects the
signal. This design allows a high filling factor and a homogeneous RF
field for signal enhancement and, thus, also a high time resolution. It
enables a lab-on-a-chip implementation which is a simple and effective
design to examine small amounts of liquids. The stripline is success-
fully implemented in NMR spectroscopy using microchannels by the
Kentgens group [1]. Our test experiments revealed an increased signal-
to-noise ratio and a good spectral resolution, as required to distinguish
different molecular species with sufficient time resolution. Our goal is
to follow the mixing process of two liquids by recording images in a
static field gradient spectrometer. For this purpose, we implemented
a Y-shaped microfluidic device in a stripline to control the mixing.
This design enables the possibility to monitor chemical reactions in a
standard cryomagnet.
[1] P.J.M. van Bentum et al., J. Mag. Res., 189 (2007) 104-113

CPP 25.21 Tue 14:00 Poster Bl
Mussel-inspired hydrogels with adhesive potential and me-
chanical robustness — eSANDRA Fora and REGINE voN KriTz-
ING — Technische Universitdt Darmstadt, Alarich-Weiss-Strafie 10, D-
64287 Darmstadt

Polymer hydrogels offer unique properties. Especially their respon-
siveness to external stimuli including pH and temperature provides a
huge potential for various technological applications. Combining this
stimuli-responsiveness with adhesive attributes would be of use for tis-
sue engineering or medical purposes. Therefore, hydrogels inspired by
marine organisms such as mussels have recently become highly attrac-
tive. Mussels can strongly adhere to other substrates even in wet condi-
tions, which is mainly determined by the protein 3,4-dihydroxyphenyl-
L-alanine (DOPA). This DOPA-group can easily be incorporated into
the hydrogel structure. However, most of these hydrogels are mechan-
ically weak and / or possess a low elastic modulus, which remarkably
limits their use in in vivo environments.

In this work, temperature-responsive poly(N-isopropylacrylamide)
(PNIPAM) microgels are synthesized. They are modified with DOPA
to obtain adhesive properties. Their charge is varied by copolymeri-
sation with the anionic monomer acrylic acid (AA). Moreover, their
size and cross-linker content can be tuned. Their properties are stud-
ied by DLS and Zetasizer measurements. Afterwards, thin films of
these DOPA-modified microgels are produced by spin-coating. They
are analysed by static and dynamic indentation measurements to get
an insight into the mechanical and rheological properties of thin films.

CPP 25.22 Tue 14:00 Poster Bl

Investigation of Non-Equilibrium Actuation Dynamics of Mi-
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crogel Disks — eNikLas O. JUNKER!, JONAS STAUDENMEIR!, MAR-
CEL VAN DonNGEN?, SeBASTIAN MEYER!, DMmITRY N. CuiGrINDZ,
AHMED MOURRAN2, MARTIN MOLLER?, and GERO vON PLESsEN!
— lInstitute of Physics (IA), RWTH Aachen, Germany — 2DWI -
Leibniz Institute for Interactive Materials, Aachen, Germany

Microgels are cross-linked polymer networks of micrometer or sub-
micrometer dimensions. Suspended in a solvent, they can undergo
large and fast volume changes in response to variations of external
parameters (temperature, pH, etc.). In the present work, microgel
disks made of poly(N-isopropylacrylamide) (PNIPAm) homogeneously
loaded with gold nanorods have been investigated in water. Non-
equilibrium actuation dynamics triggered by rapid heating and cooling
is studied. The microgels are found to swell with decreasing tempera-
ture much faster than they shrink with increasing temperature. This
behavior is systematically studied for different heating rates (up to
150°C/min for conventional heating and up to approximately 1°C/ms
for photothermal heating, in which the gold nanorods are used as fast
and efficient photoabsorbers and local heaters). Experimental and
simulation results are compared for both cases.

CPP 25.23 Tue 14:00 Poster Bl
Co-nonsolvency induced self-organization of thermo-
responsive block copolymers in thin films — eCHRISTINA
GEIGER!, CRIsTIANE HENSCHEL?, ANDRE LASCHEWSKYZ2, CHRISTINE
M. Papapakis3, and PETER MULLER-BuscuBaum® — 1 TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching
— 2Universitat Potsdam, Institut fiir Chemie, Angewandte Poly-
merchemie, 14476 Potsdam — 3TU Miinchen, Physik-Department,
Physik weicher Materie, 85748 Garching

PMMA-b-PNIPAM and PMMA-b-PNIPMAM in aqueous solution un-
dergo a reversible shell collapse transition at the lower critical solution
temperature (LCST), which can be moderated by gradually introduc-
ing organic solvents. In thin film configuration, this co-nonsolvency
behavior makes them promising materials for vapor-sensitive nano-
sensors and actuators. We prepare and examine thin films exhibiting
various block ratios and subsequently perform swelling experiments
in mixed vapor atmospheres. Morphological changes, as well as the
kinetics of individual solvent and cosolvent diffusion into the films,
concentration gradients and the development of thickness and refrac-
tive index are investigated with a focus on white light interferometry
and in-situ TOF neutron reflectometry experiments.

CPP 25.24 Tue 14:00 Poster B1
Metallo-polymers and -gels based on photosensitive ruthe-
nium(II) complexes and polyethylene glycol — eLEONHARD
BucHRIEGLER!, SaBRINA THEISZ, IaN TEASDALE?, SABINE HiLD!,
and Uwe Monkowius? — lInstitute of Polymer Science, Johannes
Kepler University Linz, Austria — 2Institute of Inorganic Chemistry,
Johannes Kepler University Linz, Austria — 3Institute of Polymer
Chemistry, Johannes Kepler University Linz, Austria — 4Linz School
of Education, Johannes Kepler University Linz, Austria

The interest in photo-cleavable polymers has increased significantly
due to their broad range of potential applications. The com-
plex [Ru(IT)(bpy)2(4-AMP)2]?* (bpy = 2,2“-bipyridine, 4-AMP =
4-(aminomethyl)pyridine) can be used to generate light-sensitive
polyurea supramolecular organogels. This complex has a high photo-
cleavage quantum yield and high storage stability in solution in the
dark as well as in neat form. In this contribution, we present a light-
sensitive organogel which is composed of the Ru-complex and an 8-
arm polyethylene glycol (PEG). The gel is prepared via reaction be-
tween amine functions of the Ru-complex and the terminal modified
polyethylene glycol forming a crosslinked polyurethane with both 4-
(aminomethyl)pyridine ligands connecting two PEG-arms. Irreversible
de-gelation occurs within minutes upon irradiation with visible light
(A > 395 nm), i.e. the Ru-bound pyridine is replaced by a solvent
molecule, here acetonitrile. The synthesis and photocleavage-process
were investigated by 'H-NMR spectroscopy, mass spectrometry and
UV /Vis-spectroscopy.

CPP 25.25 Tue 14:00 Poster B1
Microgel of different topologies: computational study of their
properties — eELENA MiNINal'2, PEDRO SancHEz!:2, CHRISTOS
Likos!, and Soria KanTorovicu!:2 — University of Vienna, Vi-

enna, Austria — 2Ural Federal University, Ekaterinburg, Russia

Nano/microgels are colloidal spherical particles consisting of polymer
network. These particles show a fascinating swelling response to exter-
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nal stimuli and therefore are very promising materials in food industry
and medicine including drug delivery applications. Due to advances
in microgel synthesis, resulting polymer network of nano/microgels
can be of different topologies: homogeneous and core-shell topolo-
gies. We developed computational coarse-grained models for studying
nano/microgels of both topologies. The models are aimed at reproduc-
ing microgels synthesized inside a droplet. The main feature of these
models is that the resulting polymer network has a random mesh size
and its topology depends on the size of the confining sphere where the
crosslinking process takes place. We study the structural and swelling
properties of the modeled nano/microgels under different solvent con-
ditions. We also include electrostatic interactions to reveal how their
influence on the microgel properties.

CPP 25.26 Tue 14:00 Poster Bl
Suspensions of magnetic microgels — eIvan Novikaul, ELENA
Mininal2) and Soria KanTorovica!2 — University of Vienna —
2Ural Federal University

Microgels have gained a lot of attention due to their ability to swell and
shrink as a response to their external environment [1]. The presence of
magnetic particles inside the microgels offers an additional mechanism
to control their properties by means of applied magnetic fields.

Study of a single microgel with magnetic particles showed that the
magnetic susceptibility of these object strongly depends on the rigidity
of the matrix and on the content of magnetic particles [2].

Here, is investigate a suspension of magnetic microgels by means of
molecular dynamics computer simulations in order to elucidate possi-
ble microgel self-assembly scenarios. Each microgel is initially modeled
as bead-spring polymer chains randomly cross-linked into a polymer
network. Magnetic particles are randomly incorporated into this net-
work.

Both dilute and relatively dense suspensions of microgels are con-
sidered with dipolar interactions in order to observe the self-assembly
and figure out which factors are crucial for this process in the zero field
case.

[1] A. Fernandez-Nieves, H. M. Wyss, J. Mattsson, and D. A. Weitz.
Microgel Suspensions: Fundamentals and Applications. 2011.

[2] E.S. Minina, P.A. Sanchez, C.N. Likos and S.S. Kantorovich,
JMMM 459, 226 (2018).

CPP 25.27 Tue 14:00 Poster Bl
Computational study of multi-step catalysis in fibrous mem-
branes — eGABRIEL SITARU and STEPHAN GEKLE — University of
Bayreuth, Germany

Multi-step catalytic reactions using incompatible catalysts in a one-pot
are notoriously difficult to realize in technical settings. In this work,
we investigate the potential of fibrous membranes as catalyst carriers
by analysing the interplay of three different time scales: advection,
diffusion and reaction.

The time-dependent concentration profiles throughout the reactor
are computed using a Lattice-Boltzmann based solver for both the
advection-diffusion and the Navier-Stokes equations. Using this model
it is possible to study various parameters such as flow velocity or dif-
ferent geometries in order to maximize the reaction efficiency.

CPP 25.28 Tue 14:00 Poster Bl
Prediction of polymeric nano-structures via machine learn-
ing — eLuciaA WESENBERG and LubwIG SCHNEIDER — Institute for
Theoretical Physics, University Gottingen, Germany

The significant length and times scales of the self-assembly of copoly-
mers pose a challenge to particle-based polymer simulation. One pos-
sible speed-up strategy consists of using the chemical potential of a
non-equilibrium morphology to predict the time evolution. The calcu-
lation of the chemical potential by particle-based simulation, however,
can take up a vast amount of time, and here we explore the use of ma-
chine learning to predict the chemical potential. Machine learning has
gained importance due to the introduction of deep neural networks.
These enable an efficient implementation of non-linear relations.
Here, we employ this technique to calculate the chemical potential of
copolymers in the lamellar phase. Data from different models enable
us to tackle the particular interactions separately. First, with data
from the Swift-Hohenberg model, we implement the short-range inter-
actions in the neuronal network. Then, we amend the architecture of
the network to cover long-range interactions. These are trained using
data obtained from the Otha-Kawasaki model. Additionally, a network
structure independent of the size of the input data is desirable.
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CPP 25.29 Tue 14:00 Poster B1
Machine learning to predict three-body contributions in
coarse-graining — eRENE ScHEID, CHRISTOPH SCHERER, DENIS
ANDRIENKO, and TRISTAN BEREAU — Max Planck Institute for Poly-
mer Research, Mainz, Germany

Coarse-graining (CG) is a method to systematically reduce the degrees
of freedom of a given system. Projecting the fine-grained system into
a space with lower degrees of freedom leads to higher order interaction
terms which are not considered in most CG models. We employ Kernel-
based Machine learning (ML) to predict CG contributions based on
decomposed CG energies and forces of atomistic simulations. The ML
scheme is implemented in the VOTCA-CSG toolkit. First, we show
that the ML scheme can recover two-body CG force fields generated
by standard force-matching. This demonstrates that the approach is
suitable to complement and expand standard force-matched models.
Furthermore, we examine the expansion to three-body contributions.
Decomposing the CG atomistic interactions into two- and three-body
terms, the residual three-body potentials could be used to improve
existing two-body models. The approach is illustrated on a Lennard-
Jones liquid as test system, liquid water, and liquid methanol.

CPP 25.30 Tue 14:00 Poster B1
Application of data mining techniques in soft matter systems
— eARrgHYA DuTTal, Luca M. GHIRINGHELLI?, JILLES VREEKENS®,
and TRisTAN BEReEAU! — Max Planck Institute for Polymer Re-
search, 55128 Mainz, Germany — 2Fritz-Haber-Institut der Max-
Planck-Gesellschaft, 14195 Berlin-Dahlem, Germany — 3Max Planck
Institute for Informatics and Saarland University, Saarland Informatics
Campus, Saarbrucken, Germany

Data mining is the method for finding patterns in datasets using tech-
niques borrowed from machine learning and statistics. It is particularly
useful when the patterns we are looking for become too intricate to be
amenable to a simple physical modelling. I will present results from
our ongoing study which show how data mining, particularly text min-
ing and subgroup discovery, can help us in finding patterns, and thus
making predictions, in both experimental and computational studies
of complex soft matter systems.

CPP 25.31 Tue 14:00 Poster Bl
Phase Stability Simulation of Copper Chalkogenide Nanopar-
ticles From First Principles — ¢ ALKIT BEQIRAJ, AHED ABBOUSIE,
ANDREAS TAUBERT, and THOMNAS KORZDORFER — Uni Potsdam,
Am Neuen Palais 10, 14469 Potsdam

Being p-type semiconductors, CuS based nanoparticles demonstrate a
large variety of potential applications in optoelectronic devices or en-
ergy technology. F.i. CuS nanoparticles can be used as an efficient hole
collection layer in an organic solar cell. The CuSx nanoparticles can be
synthesized at room temperature using an ionic liquid precursor. This
synthesis, however, is very challenging, since even minor variation of
the synthesis conditions can change the bias of the reaction, leading
to the unexpected precipitation and phase transformation of different
oxidative species of copper sulfides. Especially one polymorph of cov-
ellite (CuS), i.e., the semiconductor digenit (Cul.8S), is of particular
interest, as it is a frequently encountered byproduct of the synthesis.
In order to understand the phase transformation, the chemical param-
eters, and the nature of the synthesis we carried out DFT calculations.
To predict phase stability, vibrational contributions to the free energy
were calculated within the harmonic supercell approach. From these
calculations, we predict ab initio thermodynamic alloy phase diagrams.
From these results, it is possible to analyze which parameters influence
the phase evolution of digenit and covellite. Overall, our theoretical
results are in a good agreement with the experimental observations
and, thus, can be used to intentionally manipulate the experimental
conditions in favor of the desired polymorph.

CPP 25.32 Tue 14:00 Poster B1
DFT calculations of K-edge X-ray adsorption spectra for
organic molecules — eRoLF WOURDEMANN!, JuLia MELKE!,
ANNA Fiscuer!, and MicHAEL WALTER? — lFreiburger Material-
forschungszentrum, Freiburg, Germany — Z2Freiburger Zentrum fiir
interaktive Werkstoffe und bioinspirierte Technologien, Freiburg, Ger-

many

X-ray adsorption spectroscopy (XAS) is an element specific local probe
used for the analysis of materials. To compare and interpret these
spectra ab initio calculations of XAS spectra can be performed for
molecules in given geometries. This can be used to distinguish between
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different isomers and gain a deeper understanding of the bonding sit-
uation.

A common way to calculate XAS spectra by DFT is the utilization
of a transition state potential (DFT-TP). In this approach an energetic
offset correcting the approximate nature of the used functional has to
be applied. To calculate this offset, one has to match the energetic
value of the first calculated excitation to experiment. A similar prob-
lem in matching energy scales is also known from X-ray photolectron
spectroscopy (XPS). Walter et al.[WMP16| have shown, that the offset
needed in XPS is nearly constant in respect to the element under con-
sideration and its value can be obtained empirically from experimental
data.

In our contribution we extend the approach from Walter et al. to
the calculation of XAS spectra and compare our results to experiment.

[WMP16] M. Walter et al., Phys. Rev. B 94 (4), 041112, 2016

CPP 25.33 Tue 14:00 Poster Bl
Clarifying the role of 3-body correlations for determining
optimal coarse-grained pair potentials — eSvENJA WOERNER,
Kurr KREMER, TRISTAN BEREAU, and JosePH F. RupzINskl — Max
Planck Institute for Polymer Research, Mainz, Germany

Structure-based coarse-graining methods often determine optimal pair
potentials for reproducing a given set of radial distribution functions.
These procedures treat many-body correlations that arise in the con-
densed phase in various ways. Direct Boltzmann inversion, for exam-
ple, assumes there are no correlations present in the system, resulting
in potentials that tend to overcompensate for the missing correlations.
Force matching, on the other hand, uses 3-body correlations from an
underlying atomistic model to determine the optimal potentials. This
can also result in inadequate potentials, since the coarse-grained model
is often incapable of precisely reproducing the atomistic correlations.
In this work, we apply the generalized-Yvon-Born-Green integral equa-
tion framework to explore the interplay between 2- and 3-body contri-
butions to the pair mean force in coarse-grained models of liquids. As
a model system, we consider a one-site per molecule representation for
liquid water with isotropic pair interactions. Prominent tetrahedral
packing generates 3-body correlations that cannot be reproduced by
the coarse-grained model. Our analysis suggests an approach for di-
rectly modifying the atomistic 3-body correlations to more accurately
reflect the correlations generated by the coarse-grained models.

CPP 25.34 Tue 14:00 Poster Bl
Quantifying the reduction of chemical compound space due
to coarse-graining — eKirAN KANEKAL, KURT KREMER, and TRiIs-
TAN BEREAU — Max Planck Institute for Polymer Research, Mainz,
Germany

Increasing the efficiency of materials design and discovery remains a
significant challenge, especially given the prohibitively large size of
chemical compound space. In addition to reducing computational ex-
pense, use of a chemically transferable coarse-grained model enables
different molecular fragments to map to the same bead type. This
further increases sampling efficiency, effectively reducing the size of
chemical compound space. For example, we previously showed that
over 400,000 molecules could be mapped to 119 Martini representa-
tions, demonstrating a drastic reduction of chemical compound space.
Here, we demonstrate that the Martini model is not optimal for chem-
ical transferability, and we propose new criteria for the rational de-
sign of coarse-grained models that allows for the optimization of their
chemical transferability. We validate this hypothesis by parameteriz-
ing three Martini-like force fields, in which the number of bead types
ranges from five to sixteen for the different force fields. We demon-
strate that a level of performance and accuracy comparable to Martini
can be obtained by using a force field with fewer bead types, thus mak-
ing this force field more efficient at reducing the chemical compound
space. Furthermore, constructing this force field with chemical trans-
ferability as a foundation allows us to know a priori the most likely
chemistries that correspond to a specific bead type.

CPP 25.35 Tue 14:00 Poster Bl
Hoobas: A python-based flexible molecular builder —
eMARTIN GIRARD', ANNALIESE EHLEN?, ANisHA SHAKYAZ3, TRis-
TAN BEREAU!, and Monica OLvERA DE LA Cruz? — !Max Planck
Institute for Polymer Physics, Mainz, Germany — 2Department of Ma-
terial Science and Engineering, Northwestern University, Evanston, IL,
USA — 3Center for Soft and Living Matter, Institude for Basic Sci-
ence, Ulsan, South Korea

Molecular dynamics has emerged as a powerful and efficient tool to
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study soft matter. As the computing power available increases, so
does the complexity of studied systems. In order to perform a sim-
ulation, initial positions and topologies must be built. A few tools
already exist, but are generally very specific in terms of systems they
can build. Here, we introduce Hoobas, a molecular building tool able
to handle very general systems and nearly arbitrary polydispersity us-
ing a prototype-builder design pattern. As examples, we show building
of DNA-coated colloidal crystals, lipid membranes and random hyper-
branched polymer melts. The objects provided are easily extensible to
other topologies.

CPP 25.36 Tue 14:00 Poster B1
Boehmite Microcrystal Growth and its Interaction with Poly-
mers at the Interface. — eMAaTEUSZ DuUDz1AK, DOROTHEE SILBER-
NAGL, and HEINZ STURM — Bundesanstalt fiir Materialforschung und
priifung (BAM), Berlin, Germany

Nanocomposites are extremely versatile due to their physicochemical
properties, which differ significantly from bulk homopolymers. One of
the inorganic nanomaterials, which is increasingly used as a filler in
polymer matrices is boehmite, due to its flame-retardant properties.
Here, it is utilized as a nanofiller in polycarbonate and polyamide,
expecting to improve their mechanical properties. For industrial use
boehmite is obtained by the solvothermal method, resulting in a lay-
ered nanomaterial, whereas naturally it occurs as single crystals with
the size of <50*m. In this work we are obtaining and isolating
boehmite monocrystals by a bottom-up method, in which a reaction
between aluminum salts and hydroxides takes place in a polymer gel.
Obtaining boehmite as microcrystals is necessary for its analysis and
characterization, as well as to investigate its interaction with poly-
mer matrices at the polymer/particle interface. Here, the obtained
particles are characterized by small- and wide-angle X-ray scattering
and further in polymer matrices with differential scanning calorimetry
and intermodulation atomic force microscopy (ImAFM), probing local
stiffness.

CPP 25.37 Tue 14:00 Poster B1
A different kind of True Random Number Generator -
Stoachastic Assembly of Ag/Au Single Particle Lines —
eDANIEL SCHLETZz!, MARTIN MAYER!2, ANJA MARIA STEINERDZ,
and ANDREAS FEry12:3 — 1Leibniz-Institut fiir Polymerforschung
Dresden e.V., Germany — 2Cluster of Excellence Center for Advancing
Electronics Dresden, Germany — 3Department of Physical Chemistry
of Polymeric Materials TU Dresden, Germany

Standard hardware random number generators often use quantum me-
chanical phenomena or thermal noise to produce bit streams of ran-
dom, but often biased, origin. In contrast, colloidal self-assembly of
billions of particles on 1cm? can assure bias-free, heterogeneous par-
ticle sequences to be employed as bits in a hardware random number
generator.

Utilizing template-assisted colloidal self-assembly of two different
particle types (Au spheres and Ag spheres), heterogeneous single par-
ticle lines are assembled and subsequently analyzed wvia electron mi-
croscopy. Statistical evaluation shows that Ag and Au do not assemble
in any way preferential to any particle type, generating random distri-
butions only dependent on employed Ag/Au particle share.

CPP 25.38 Tue 14:00 Poster Bl

Synthesis of protein-coated gold nanoparticles and investi-
gations on their uptake by diatoms — eMaRrisa Horrmann!-2,
NarsaLie PyrLik!, RoLAND P. M. HOLLER?, CHRISTIAN KUTTNER?,
AnDREAS FERY?3, and Eike Brunner! — !Department of Bioan-
analytical Chemistry, TU Dresden, Germany — 2Leibniz-Institut fiir
Polymerforschung Dresden e.V., Germany — 3Department of Physical

Chemistry of Polymeric Materials, TU Dresden, Germany

Because of the inertness and the surface plasmon resonance (SPR) of
gold nanoparticles (AuNPs) and the biocompatibility of natural pro-
teins, the combination of both provides a promising system for in vivo
surface enhanced Raman spectroscopy (SERS) applications. AuNPs
were synthesized by the citrate reduction method and the kinetically
controlled seeded growth of citrate-stabilized AuNPs (Bastus 2011).
Ligand exchange of the citrate by bovine serum albumin (BSA) was
then performed. Gold/gold 3D core/satellite nanoclusters were synthe-
sized by protein assisted self-assembly in solution (Holler 2016). After
incubating cells of the diatom species stephanopyxis turris with the
mentioned protein-coated AuNPs and gold nanoclusters, respectively,
in vivo 3D Raman imaging was carried out. As, for a detectable SERS
enhancement, plasmonic nanostructures in the vicinity of the analyte
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are necessary, the localization of AuNPs can be determined by the po-
sition of the SERS signals. That way it was possible to successfully
investigate the uptake of AuNPs and gold nanoclusters by the diatom
cells. This opens up the way for a new method in prospective in vivo
research of algal metabolism.

CPP 25.39 Tue 14:00 Poster Bl
Dynamic Fluorescence Properties of Graphene Quantum
Dots — eCHRISTIAN WIMMENAUER!, RALF KUNEMUTHZ, STEFAN
FasBeNDER!, CrLaus A M SeibeL?, and THomas HEINzZEL!
Hnstitute of Experimantal Condensed Matter Physics, Heinrich-Heine-
University Diisseldorf — 2Institute of Physical Chemistry, Heinrich-
Heine-University Diisseldorf

Graphene quantum dots (GQDs) are a promising candidate for various
biomedical applications ranging from drug delivery to single particle
tracking, due to their small size and low toxicity. To characterize
GQDs concerning their viability as a fluorescence marker time corre-
lated single photon counting and fluorescence correlation spectroscopy
are employed. The fluorescence lifetime, the time scales of different
dark states and the diffusive properties are determined. Dark states
are discussed for coupled and uncoupled GQDs at different pH val-
ues. The measured properties allow for an assessment of the usability
in biomedical applications, such as single particle tracking or super
resolution microscopy.

CPP 25.40 Tue 14:00 Poster Bl
Energy Spectra of Triangular Multilayer Graphene Quan-
tum Dots — eJULIENNE SCHELLER, CHRISTIAN WIMMENAUER, and
TaoMAas HEINZEL — Institute of Experimantal Condensed Matter
Physics, Heinrich-Heine-University Diisseldorf
Triangular Multilayer Graphene Quantum Dots (GQDs) are modelled
using a tight binding approach. The energy gaps are calculated as a
function of disk radius, number of disk layers and edge type. Arm-
chair edge type and zigzag edge type GQDs are investigated for up to
7 layers and in the limit of infinitely many layers. To further discuss
the differences between both edge types the density of states and the
ground state wavefunctions are calculated.

CPP 25.41 Tue 14:00 Poster Bl
Momentum Space Calculations of Nano Scaled Semiconduc-
tor Materials — eMARCEL DOHRMANN, CHRISTIAN STRELOW, and
ALr MEws — Institute of Physical Chemistry, University Hamburg,
Grindelalle 117, 20146 Hamburg, Germany

Excitons energy calculations are done by solving Schrodinger’s equa-
tions of kinetic terms, including the effective mass of electrons and
holes, and potential terms. In position space, three-dimensional self-
consistent calculations with hole and electron functions are used to
understand different nano sized semiconductors like CdSe/CdS dot-
rods.[1] Using fourier transformations the kinetic and potential Hamil-
tonians in position space can be adapted to momentum space. A poten-
tial landscape in momentum space is an approach to calculate energy
levels of electrons and holes in different composites. We see forward
to study interaction between heavy and light holes in semiconductor
nanomaterials.

[1] S.-H. Lohmann, C. Strelow, A. Mews, T. Kipp, ACS Nano 2017,
DOI 10.1021 /acsnano.7b05303.

CPP 25.42 Tue 14:00 Poster Bl
A Combined SAXS-SANS instrument at ILL — eEzzELDIN
METwALLI, KrLaus GoTz, CHRISTIAN BAR, and ToBias UNRUH
— Institute for Crystallography and Structural Physics, Friedrich-
Alexander-Universitat Erlangen-Niirnberg, 91058 Erlangen, Germany

In the last few decades, small angle X-ray and neutron scattering
(SAXS/SANS) methods have been used extensively for investigating
nano-scale structured materials. Combining both SAXS and SANS
techniques in a single experiment will open a new route for a novel
nano-analytical method. Simultaneous SAXS and SANS measure-
ments will provide structural information from the same sample volume
allowing unique different contrast conditions. Moreover, exploiting X-
ray and neutron radiation for time-resolved studies will simultaneously
provide nano-scale structural information at two different contrast sit-
uations, ensuring the exactness of the probed samples compared with
independent experimental approach. Here, we introduce an advanced
portable SAXS system that is dimensionally suitable to be installed on
D22 instrument at ILL. The new portable SAXS system is based on
Copper/Molybdenum switchable microfocus rotating anode X-ray gen-
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erator and a Dectris detector with a changeanble sample-to-detector
distance of up to 1.5 m in a vacuum tube. The unprecedented com-
bined experimental approach using simultaneous SAXS/SANS meth-
ods will open the way for investigating a truly wide range of innovative
materials such as smart self-assembling nanomaterials, multifunctional
materials, and organic/inorganic hybrid nanomaterials.

CPP 25.43 Tue 14:00 Poster B1
Self-assembly in magnetic filament systems: impact of in-
ternal factors — ELENA PyanziNa, TaTyANA BELYAEvVA, MARINA
Kasupurova, and eEKATERINA Novak — Ural Federal University

The fundamental understanding of the self-assembly properties of col-
loidal systems is one of the key topics in current research on novel
microstructured soft materials and technologies. In this work we in-
vestigate self-assembly of magnetic filaments of different topology with
different additional interaction and particles polydispersity. We per-
formed molecular dynamics simulations using a Langevin thermostat.
Cluster analysis based on graph theory is used to analyze the obtained
data. At the moment we are analyzing the results, but we can al-
ready say that the introduction of additional attraction and parti-
cles polydispersity significantly expands the structural diversity of the
self-assembly of magnetic filaments, and the effect of magnetic dipole-
dipole interaction remains substantial. All these results will pave the
way for the development of analytical models and identify the most
interesting building block candidates for the design of new magnetore-
sponsive materials.

CPP 25.44 Tue 14:00 Poster Bl
Equilibrium behavior of surface-grafted supracolloidal ferro-
magnetic filaments — ePEprO A. SANcHEZ!:2, JoaN J. CERDAZ,
TomAs SiNTEs?, and Soria S. KantorovicH!2 — Computational
Physics, University of Vienna, Vienna, Austria — 2Ural Federal Uni-
versity, Ekaterinburg, Russia — 2IAC3, Universitat de les Illes Balears,
Palma de Mallorca, Spain — 4Instituto de Fisica Interdisciplinar y Sis-
temas Complejos, UIB-CSIC, Palma de Mallorca, Spain

Supracolloidal magnetic filaments, that are semiflexible chains of mag-
netic micro- or nanoparticles permanently crosslinked by polymers, are
used for the creation of magnetically driven microfluidic propellers and
pumpers, micromechanical sensors and contrast imaging agents. These
systems have been also proposed as building blocks of thin films that
can change their structure and rheological properties as a response to
external magnetic fields. Most of such applications involve the inter-
action of free or end grafted filaments with inert or attracting surfaces.

Here we study, by means of computer simulations, the equilibrium
structures of individual magnetic filaments made of ferromagnetic par-
ticles when placed near to interacting flat surfaces. We focus on the
structural changes that take place on cooling depending on the strength
of the interaction with the surface and the applied field, comparing the
cases of free and grafted filaments.

CPP 25.45 Tue 14:00 Poster Bl
Light-induced deformation of azo-polymer droplets - chal-
lenges in modelling the influence of light — eMarkus Kocu!,
MARINA SAPHIANNIKOVA!, SVETLANA SANTER?, and OrLca Guskoval
— !nstitute Theory of Polymers, IPF Dresden, Germany — 2Institute
of Physics and Astronomy, University of Potsdam, Germany

In recent years azobenzene-containing materials have been gaining a
lof of scientific interest due to the possibility to change their properties
by using light as an external stimulus [1]. These effects are based on
the trans-cis photoisomerization of azobenzene and its interplay with
the surrounding system. To gain a deeper understanding of the defor-
mation of azo-materials we study an azo-polymer droplet on a silica
surface exposed to UV-vis light. Here, the azo side groups of the poly-
mer chains reorient perpendicular to the E-field of light due to cyclic
photoisomerization [2]. Using MD simulations we study the influence
of linearly polarized light on the droplet applying two different ap-
proaches. In the first case we simulate the repeated angle-dependent
trans-cis photoizomerization of azobenzenes explicitly by temporally
changing the torsion angle around the azo bond [3]. In the second
case we utilize an effective orientation potential [2], which reorients
the azobenzenes without modelling the photoisomerization events.

We gratefully acknowledge support from German Research Founda-
tion (DFG), projects GU 1510/3-1 and SA 1657/13-1.

[1] Yadavalli, N.S. et al. Appl. Phys. Lett. 105, 051601 (2014)

[2] Toshchevikov, V. et al. J. Phys. Chem. B, 113(15), 5032 (2009)

[3] Heinz, H. et al. Chem. Mater. 20, 6444 (2008)
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CPP 25.46 Tue 14:00 Poster Bl
Structure and Switching of Azobenzene Layers Physisorbed
on Mica and Glass — eAMRITA PaLl, OLca Guskoval, ALEXEY
Kopysuev?, and SveETLANA SANTER? — lInstitute Theory of Poly-
mers, IPF Dresden, Germany — 2Institute of Physics and Astronomy,
University of Potsdam

We study the photoswitchable amphiphilic molecules [1] with charged
trimethyl ammonium head group and the hydrophobic tail consisting
of alkyl and azobenzene (azo) segments. Being physisorbed on mica
or glass surfaces, these molecules build the self-assembled monolay-
ers. The reversible photoswitching of thickness of the layers is inves-
tigated in both AFM experiments and DFT/MD simulations. The
in-situ AFM experiments show that the photoisomerization of the azo
molecules under irradiation with light of different wavelength results in
significant change of morphology, i.e. thickness and topography of azo
multilayers. In DFT, the triple zeta basis set and generalized gradient
approach, hybrid and range separated hybrid functionals are used to
obtain the isomeric properties at the molecular level. Also, a periodic
DFT calculation is performed for a single molecule adsorbed onto a
small mica cluster to compare the results of quantum and classical
simulations. The DFT calculations of the azo isomers in vacuum and
in adsorbed state reveal the influence of the surface on their electronic
properties. The MD simulation of denser layers consisting of many
azo molecules uncovers their detailed structures and allows a direct
comparison with AFM data. We acknowledge support from DFG, GU
1510/5-1. [1] Montagna, M. et al. Langmuir 34(1), 311 (2018)

CPP 25.47 Tue 14:00 Poster Bl
‘Water dynamics in a concentrated poly(N-isopropylacrylamide)
solution at high pressure — eBaRT-JAN NIEBUUR!, WIEBKE
LonsTroH?, MARIE-Sousal Appavou3, ALrons ScHuLTE?, and
CHRISTINE M. Papapakis! — 'TU Miinchen, Physik Department,
Garching, Germany Physik weicher Materie, — 2Heinz Maier-Leibnitz
Zentrum (MLZ), TU Miinchen, Garching, Germany — 3FZ Jiilich,
JCNS at MLZ, Garching, Germany — 4University of Central Florida,
Department of Physics and College of Optics and Photonics, Orlando,

U.S.A.

Hydration water is of fundamental importance for the phase transi-
tions of macromolecules in aqueous solution. A complete picture of the
dynamics of hydration water is therefore key for identifying the pro-
cesses involved. Using quasi-elastic neutron scattering, we study the
hydration behavior of a concentrated solution of the thermoresponsive
polymer poly(N-isopropylacrylamide) during heating through its cloud
point (CP). Varying pressure alters its hydration state [1]. At low pres-
sure, the fraction of hydration water decreases sharply at the CP. The
diffusion of the remaining fraction gets increasingly hindered, which
points to a rearrangement of the hydration water. In the one-phase
state at high pressure, the hydration water diffuses more rapidly than
at low pressure, which indicates enhanced hydrophobic hydration. At
the CP, the fraction of hydration water decreases by a similar amount
as at low pressure, but the transition spans over ~10 K. At high pres-
sure, the hydrophobic groups stay hydrated in the two-phase state. [1]
B.-J. Niebuur, C. M. Papadakis et al., ACS Macro Lett. 2017, 6, 1180

CPP 25.48 Tue 14:00 Poster Bl
Mesoglobules in PNIPAM solutions: Influence of pressure
— Barr-JaN NieBuuR!, eGEETHU P. MELEDAM!, VITALIY PIPICHZ,
MARIE-Sousal Appavou?, ALroNs ScHULTE®, and CHRISTINE M.
Papapakis! — 1TU Miinchen, Physik-Department, Garching, Ger-
many — 2FZ Jiilich, JCNS at MLZ, Garching, Germany — 3 University
of Central Florida, Orlando, U.S.A.

Poly(N-isopropylacrylamide) (PNIPAM) in aqueous solution forms
mesoglobules upon heating through the cloud point, which are small
and contain only little water. In contrast, at high pressure, much larger
clusters are formed, which contain more water than at atmospheric
pressure [1]. We use very small angle neutron scattering at tempera-
tures above the cloud point to elucidate the transition between low and
high pressures. We find a sharp transition between small mesoglobules
and large clusters with the transition pressure depending on temper-
ature. We attribute the pressure-dependent behavior on mesoscopic
length scales to the pressure-dependent hydration of PNIPAM.

1. B.-J. Niebuur et al., ACS Macro Lett. 6, 1180 (2017)

CPP 25.49 Tue 14:00 Poster Bl
Preferential binding of salts to pNiPAM and its monomer
— oJAakUB PoLAK, ApaM KovaLc¢ik, PAvEL VRBKA, DANIEL ONDO,
VwiapiMir Parivec, and JAN HEyDA — Department of Physical
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Chemistry, University of Chemistry and Technology, Prague, Czech
Republic

Over past decade investigation of salt specific effects on biomolecules
attracted a lot of experimental, computational and theoretical atten-
tion. However, the direct quantitative thermodynamic characteriza-
tion is still poor. In this contribution we measure a preferential bind-
ing coefficient of salts to a well established model biomolecule, poly-N-
isopropyl-acrylamide (pNiPAM). The pNiPAM-salt interaction is de-
termined in equilibrium dialysis experiments. The results are supple-
mented by vapor pressure osmometry experiments of NiPAM, in which
salt-monomer interactions at dilute conditions were determined. Fi-
nally, in combination with density measurements and upon application
of theory of solution the thermodynamically relevant basic ingredients,
Kirkwood-Buff integrals, were determined.

CPP 25.50 Tue 14:00 Poster Bl
Simulating the hydrodynamics of droplets on photo-switch-
able substrates — eJosua GRAWITTER and HOLGER STARK — In-
stitut fiir Theoretische Physik, Technische Universitiat Berlin, Berlin,
Germany

Photo-switchable substrates provide a unique mechanism to manipu-
late liquid droplets precisely by creating and adapting a heterogeneous
wettability landscape. Because droplets respond to changes in the wet-
tability, this is a means to keep them in non-equilibrium and thereby
induce new states of dynamic wetting.

We present a boundary element method to determine the Stokes flow
inside the droplet with a curved free surface and a flat interface at the
substrate, where we apply the Navier boundary condition to permit
motion of the contact line. In general, boundary element methods
solve integral equations by inverting the discretized integrals of the
unknown field variable such as fluid velocity.

In our approach we parametrize the free surface of the droplet by a
linear combination of smooth basis functions and, using an automatic
differentiation algorithm, we calculate its local metric and curvature.
This provides high resolution data for an iterative domain-splitting
integration scheme capable of treating singular integrands, which are
typical for the boundary element method. Following rigorous vali-
dation, we will investigate how droplets respond to specific spatio-
temporal wettability patterns that either move or deform the droplet.
For example, we will generate directed motion by traveling patterns
and vary their properties to maximize droplet speed.

CPP 25.51 Tue 14:00 Poster B1
Stable 2D conductive and transparent metal/metal(hydr)oxide
multilayers prepared by manipulated wetting — eSEBASTIAN
RunbpEe, HElIkO AHRENS, HARM WULFF, and CHRISTIANE A. HELM
— Institute of Physics, Universitit Greifswald, Felix-Hausdorff-Str. 6,
17489 Greifswald

We present a new deposition method allowing ultrathin, conductive
and transparent metal-containing layers to be prepared at ambient con-
ditions with cm? areas on glass substrates. Multilayers are formed by
repetition of the deposition procedure, induced break-up after forced
wetting. Different liquid metals and their alloys, Bismuth, Gallium,
Indium and Tin were used and compared. These metals all have a
low melting temperature, a high wettability and form instantaneously
a passivating oxide skin. X-ray measurements show that multilayer
thickness increases linearly with the number of deposition cycles, yield-
ing a reproducible single layer thickness between 3 and 6 nm. The
largest layer number achieved was 13 (54 nm thick). The sheet re-
sistance and the optical absorbance decrease monotonically with the
number of deposited layers.

CPP 25.52 Tue 14:00 Poster B1
Buckling patterns and their elastic response on the sur-
face of polyelectrolyte multilayer films with short PSS
chains — eAMIR AzINFAR!, SVEN NEUBER!, JIRf VANECGEKZ, MARIE
Vancovi?3 JAN STERBA2:3, ViTEzZSLAV STRANAK?, and CHRISTIANE
A. Heum! — lInstitute of Physics, University of Greifswald, 17489
Greifswald, Germany — 2Biology Centre, Czech Academy of Sciences,
37005 Ceske Budejovice, Czech Republic — 3Faculty of Science, Uni-
versity of South Bohemia, B 37005 Ceske Budejovice, Czech Republic

We investigate the surface morphology of polyelectrolyte multilayers
(PEMs) after drying. A buckling pattern is observed. PEMs are made
from poly(diallyldimethylammonium (PDADMA) and poly(styrene
sulfonate) (PSS) in 0.1 M NaCl with non-linear and linear growth
regimes. When more PSS/PDADMA layer pairs are deposited, for
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PSS-terminated films the wavelength of the buckling pattern increased
from 185 nm to 225 nm. For PDADMA-terminated films the wave-
length was always greater. The buckling pattern is correlated with
the elastic modulus of the film, which decreased with increasing film
thickness. Annealing in high salt concentrations (0.5 -1.0 mol/l NaCl)
decreased the surface roughness and increased the wavelength of the
buckling pattern. However, for films containing mobile PSS, annealing
caused a damped oscillation of the buckling pattern.

CPP 25.53 Tue 14:00 Poster Bl
Wetting and imbibition experiments with aqueous electrolyte
solutions and polymers on nanostructured and porous ma-
terials — eGuipo DitTricH and Parrick HUBER — Institute of
Materials Physics and Technology, Hamburg University of Technology
(TUHH), EiRendorfer Str. 42, D-21073 Hamburg-Harburg, Germany

Nanostructured as well as porous materials offer high specific surface
areas per projected area and volume respectively. That makes them
interesting for fundamental research since the discovery of super hy-
drophobicity and super permeation. We are investigating the imbibi-
tion kinetics of polystyrene into porous scaffold materials comparing
different pore systems. The imbibition kinetics are measured with
a gravimetric and an interferometric setup. Analysis of aqueous elec-
trolyte solution droplets may lead to fast tests to get insights regarding
surface roughness, successful chemical impregnation and interface frac-
tions. Commercially available p-doped silicon wafers can be nanostruc-
tured by electrochemical etching. We seek to overcome their tendency
to increase their native oxide layer during electrowetting experiments
by chemical modification of the surfaces end groups. Dynamic wetting
on carbon nanotube (CNT) arrays glued together by epoxy is driven by
capillarity. After the synthesis the CNTs are opened by different tech-
niques. Drop shape analysis is used to supplement scanning electron
microscopy to verify open pores.

CPP 25.54 Tue 14:00 Poster Bl
Hard sphere electrolyte solution at charged wall —
eMAXIMILIAN MussoTTER!, Markus Bier?, and S. DieTricH!
— 1Max-Planck Institut fiir Intelligente Systeme und Universitét
Stuttgart, 70569 Stuttgart, Germany — 2University of Applied Sci-
ences Wiirzburg-Schweinfurt, 97421 Schweinfurt, Germany

Although widely used, upon advancing from electrically neutral fluids
and uncharged subtrates, the assumption of homogeneous wall-fluid in-
teractions is questionable beyond molecular length scales when study-
ing fluids comprising electrically charged constituents and charged
walls. Therefore, the intention of this work was to gain further in-
sight in the effects occurring at non-uniformly charged substrates.
The system is studied by means of classical density functional theory,
within the framework of fundamental measure theory using the WBI-
functional. The goal of this work was to introduce a basic machinery
to study the effects of nonhomogeneously charged surfaces.

CPP 25.55 Tue 14:00 Poster Bl
Microscopic investigation of polymer flow in porous media
— ePEGAH SHAKERI?, MICHAEL JUNG'2, MARTIN BRINKMANN?,
STEPHAN HERMINGHAUS?, and RALF SEEMANN!2 — 1Universitéit des
Saarlandes, Saarbriicken, Germany — 2Max Planck-Institute for Dy-

namics and Self-Organization, Gottingen, Germany

The displacement of a fluid from a permeable medium by injecting a
second immiscible fluid is central in many industrial processes like oil
recovery. The general assumption is that the polymer modifies the
viscosity of the injected fluid; thus improves the volumetric sweep ef-
ficiency (the amount of displaced oil) by enhancing mobility ratio and
controlling viscous fingering in macro scale. However, recent observa-
tions suggest that additionally microscopic effects are important; thus
microscopic investigation of a polymer flow in a quasi-2D microfluidic
device was conducted to gain clear insight into the pore scale mech-
anism of oil displacement by a polymer solution in permeable media.
Deviation from laminar flow, fluctuating oil-polymer solution inter-
faces, lower residual saturation in comparison to a flood of water or
aqueous glycerol solution (having the same zero shear viscosity as the
polymer solutions) were observed. The observed instabilities in the
bulk flow,which seem to originate from viscoelasticity of the polymer
solution, destabilize the oil-polymer interface and are consequently ca-
pable of improving the microscopic displacement.

CPP 25.56 Tue 14:00 Poster Bl
Monitoring Pressure Fluctuations in Artificial Porous Me-

dia. — eMicHAEL Juncl2, MARTIN BRINKMANN!, STEPHAN
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HerMINGHAUS2, and RALF SEEMANNY2 — Universitit des Saarlan-

des, Saarbriicken, Germany — 2Max Planck-Institute for Dynamics
and Self-Organization, Gottingen, Germany

We aim to understand the microscopic mechanisms of individual cap-
illary instabilities which govern slow displacement processes in perme-
able porous media. Therefore we investigate the influence of the pore
space geometry and wettability on the landscape of pressure variations
during slow displacement of fluid from an arrangement of glass beads
by a second, immiscible fluid. For an experimental verification of the
capillary pressure variations, we measure the pressure of a bursting
meniscus in a single throat formed by three beads. Different wettabil-
ity of the glass beads is realized by wet-silanization techniques as OTS
(octadecyltrichlorosilane) or APTES (3-aminopropyltriethoxysilane)-
coating which result in a water-air contact angle on glass beads of 110°
and 60°, respectively. Heterogeneous wettability is achieved by throats
assembled from beads with different coatings. The experiments shall
be compared with numerical calculations of the capillary pressure in
such a heterogeneous throat for various combination of contact angles.
Understanding the characteristic pressure variations of single throats,
we will extend our setup to small bead-packs consisting of a few layers
of glass beads with heterogeneous wettability.

CPP 25.57 Tue 14:00 Poster Bl
A fast quartz crystal microbalance (QCM) with millisec-
ond time resolution operating on multiple overtones at the
same time — eARNE LANGHOFF, FREDERICK MEYER, ASTRID
PescHEL, JupiTH PETRI, and DIETHELM JOHANNSMANN — Institut
fiir Physikalische Chemie, TU Clausthal, Germany

Second-generation QCMs (which include the QCM-D) rely on readings
of the resonance frequency as well as bandwidth on multiple overtones.
The added information gives access to the sample’s softness and other
properties. Currently, most QCMs need about a second per frequency
reading and they access different overtones sequentially. Using a multi-
frequency lockin amplifier (MLA, supplied by Intermodulation Prod-
ucts AB, Stockholm), this limitation can be overcome. The MLA ex-
cites the resonator at 40 frequencies simultaneously. The channels are
distributed over four "combs" (10 frequencies each), where each comb

CPP 26: Active Matter
Time: Tuesday 14:00-15:45

CPP 26.1 Tue 14:00 H3

Collective behavior of active colloids in confined viscoelas-

tic fluids — eN NARINDER!, MaHsA SAHEBDIVANI!, JUAN RUBEN
GoMEz-SoLaNo?, and CLEMENS BECHINGER! — 1Fachbereich Physik,
Universitit Konstanz, Konstanz, Germany — Z2Instituto de Fisica,

Universidad Nacional Auténoma de México, México.

The natural habitat of microorganisms is complex not only in geomet-
rical aspects but also in the sense that it is viscoelastic [1]. The funda-
mental question to address is what prime role such sophisticated sur-
roundings play. To uncover this, we experimentally study the motion
of light activated Janus particles in a viscoelastic fluid inside hard wall
circular confinements. Unlike a Newtonian liquid [2], we observe that
particles in viscoelastic fluids [3] experience an elastic repulsion from
the walls which strongly depends on their activity and the elasticity of
the surrounding fluid. Furthermore, strongly confined many-particle
system inside circular pores exhibits a transition from liquid-like to
a well-organized crystal-like behavior upon increasing the activity of
particles. A further increase in activity liquifies the system and thus a
reentrant liquid-like behavior is observed.

[1] J. Elgeti, R. G. Winkler, and G. Gompper, Rep. Prog. Phys.
78, 056601 (2015).

[2] G. Volpe, I. Buttinoni, D. Vogt, H. Kiimmerer and C. Bechinger,
Soft Matter 7, 8810 (2011).

[3] N. Narinder, C. Bechinger, and J. R. Gomez-Solano, Phys. Rev.
Lett. 121, 078003 (2018).

CPP 26.2 Tue 14:15 H3
Two-step melting in two-dimensional active matter — Ju-
LIANE KLAMSER!, eSEBAsTIAN KaAPFERZ?, and WERNER KrauTh!
— 1Laboratoire de Physique Statistique, Département de physique
de PENS, Ecole Normale Supérieure, Paris, France — 2Theoretische

Physik 1, FAU Erlangen-Niirnberg, Staudtstr. 7, 91058 Erlangen, Ger-
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covers one overtone. The time resolution can be close to the inverse
resonance bandwidth, which - for high-fundamental-frequency (HFF)
resonators - is well below one millisecond. The technique is particu-
larly powerful when applied to repetitive processes because accumula-
tion can then lower the noise in frequency shift of 5-MHz resonators
well into the mHz range. Applications chosen for demonstration are
the impact of droplets onto the QCM surface (the kinetics of which is
in ms range) and electrochemical measurements (in which case accu-
mulation and averaging can be exploited). In the latter case, the fast
dynamics after voltage reversal is monitored. The response is governed
by changes of viscosity in the double layer.

CPP 25.58 Tue 14:00 Poster Bl
Water freezing and frosting on lubricant impregnated sur-
faces — eLukas Hauer!? and WiLLiam Wong! — Max Planck
Institute for Polymer Research — 2Institute of Fluid Mechanics and
Aerodynamics, Technische Universitdt Darmstadt

In the scope of the present work, frost formation and drop freezing
in/on lubricant-infused surfaces (“under-oil” dynamics) are experimen-
tally investigated. Glass substrates structured with SU-8 micropillar
arrays are chosen as model surfaces. To examine frost formation, a
sample is placed on a Linkam peltier stage which is enclosed in a
chamber with humidity control to induce condensation-frosting. To
examine freezing, the sample (and deposited drop) is placed in an al-
ternate chamber with temperature control, which is cooled using liquid
nitrogen. Frost formation and drop freezing will be observed using an
inverted laser scanning confocal microscope. This spatially and tempo-
rally resolved technique allows accurate observation of these dynamic
processes close to the substrate surface. By adding a dye to the lubri-
cant, the water-lubricant interfaces can be discriminated, allowing us
to monitor lubricant mobility during freezing/frosting. During frost
formation, a migration of the lubricant to the top of the ice has been
observed. Due to the dendritic morphology of frost, capillary effects
are believed to be the driving forces of this phenomenon. Such effects
could lead to lubricant drainage and failure of surface functionality.
A fundamental understanding of the lubricant migration will help to
design more ice-durable slippery surfaces.

(joint session DY /CPP)
Location: H3

many

Phase transitions in active matter offer a window to study the elusive
critical phenomena outside equilibrium and have taken the center stage
of studies in modern statistical physics. We present a kinetic Monte
Carlo model of interacting active particles which can be connected to
the equilibrium phase diagram. Using extensive numerical simulations,
we show that this active model exhibits a rich phase behavior, includ-
ing liquid-gas coexistence (motility induced phase separation) and the
first ever evidence of two-stage melting via solid-hexatic-liquid outside
equilibrium.

CPP 26.3 Tue 14:30 H3
Self-organized large-scale order in active fluids — MARTIN
James!2, Dominik Suchral2) and eMicHAEL WiLczek! — !Max-
Planck-Institut fiir Dynamik and Selbstorganisation, Gottingen —
2Georg-August-Universitit Gottingen

Active fluids, such as dense suspensions of bacteria or microtubules and
molecular motors, display a fascinating range of dynamical states. Ac-
tive stresses exerted by the individual agents, along with their hydro-
dynamic interactions, generically lead to the emergence of mesoscale
vortex patterns reminiscent of two-dimensional turbulence. In this
presentation, we discuss how ordered flows emerge in a minimal con-
tinuum model of active fluids. In particular, we focus on a novel type
of turbulence-driven pattern formation: a self-organized, dynamic vor-
tex crystal. Crucially, this state emerges from an extended disordered
transient characterized by an upscale energy transfer. Exploring the
transition from active turbulence to the vortex crystal state with a
focus on the role of fluctuations and system size, we find surprising
analogies to classical phase transitions. For example, we observe lo-
cally ordered crystal domains, which share similarities with magnetic
domains in ferromagnetic materials, separated by turbulent bound-
aries. Our results therefore explore one route to self-organization in
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active flows.

CPP 26.4 Tue 14:45 H3

Dynamics of confined phoretic colloids — ePRATHYUSHA
KOKKOORAKUNNEL RAMANKUTTY, SUROPRIYA SAHA, and RAMIN
GoLESTANIAN — Max Planck Institue for Dynamics and Self Orga-

nization, Am Fassberg 17, Gottingen, Germany

Phoretic colloids are known to form clusters by mechanisms similar to
those in black holes formed by long ranged gravitational forces. The
long ranged interactions are driven by phoretic response of one colloid
to the chemical field generated by others. We investigate the dynam-
ics of uniformly coated colloidal assembly in a confined geometry using
Brownian dynamics simulation. In steady state, the colloids self as-
semble to form a cluster and exhibits slow spontaneous fluctuations.
The interesting cluster dynamics is studied as a function of number of
particles and strength of phoretic interaction. The mean square dis-
placement shows distinct plateaus indicating cage breaking dynamics.

CPP 26.5 Tue 15:00 H3
Continuum model for active polar fluids with density varia-
tions — eVasco M. WoRLITZER!, AvRaHAM Br’ErR?, GIL ARIEL3,
Markus BAR!, HoLgErR STark?, and SEBAsTIAN HEIDENREICH!
— 1Department of Mathematical Modelling and Data Analysis,
Physikalisch-Technische Bundesanstalt, 10597 Berlin, Germany —
2Zuckerberg Institute for Water Research, The Jacob Blaustein In-
titutes for Desert Research, Ben-Gurion University, Sede Boger Cam-
pus, Midreshet Ben-Gurion, Israel — 3Department of Mathematics,
Bar-Tlan University, Ramat Gan, Israel — “Institute of Theoretical

Physics, Technical University of Berlin, 10623 Berlin, Germany

Bacterial suspensions are intriguing examples for active polar fluids
which exhibit large scale collective behavior from mesoscale turbu-
lence to vortex lattices. For dense bacterial suspensions an effective
fourth-order polar field theory was introduced modelling the collective
dynamics in agreement with experimental findings [1,2]. However, in
recent experiments of Bacillus subtilis suspensions anomalous velocity
statistics and density variations are found which are not captured by
the theory. In our contribution, we present a phenomenological theory
for an active polar fluid with density and swimmer-velocity variations.
We show that these variations result in an anomalous velocity statistics
as observed in recent experiments [3].

[1] J Dunkel, S Heidenreich, K Drescher, HH Wensink, M Bér and

RE Goldstein, Phys. Rev. Lett. 110 (2013) 228102. [2| S Heidenreich,
J Dunkel, SHL Klapp and M Bir, Phys. Rev. E 94 (2016) 020601(R).
[3] SD Ryan, G Ariel, A Be’er, Biophys J. (2016) 247.

CPP 26.6 Tue 15:15 H3
Systematic extension of the Cahn-Hilliard model for motility-
induced phase separation — Lisa Raprp, eFABIAN BERGMANN, and
WALTER ZIMMERMANN — Universitdat Bayreuth, Germany

We consider a continuum model for motility-induced phase separation
(MIPS) of active Brownian particles [J. Chem. Phys. 142, 224149
(2015)]. Using a recently introduced perturbative analysis [Phys. Rev.
E 98, 020604(R) (2018)], we show that this continuum model reduces
to the classic Cahn-Hilliard (CH) model near the onset of MIPS. This
makes MIPS another example of the so-called active phase separation.
We further introduce a generalization of the perturbative analysis to
the next higher order. This results in a generic higher order extension
of the CH model for active phase separation. Our analysis establishes
the mathematical link between the basic mean-field MIPS model on
the one hand, and the leading order and extended CH models on the
other hand. Comparing numerical simulations of the three models, we
find that the leading order CH model agrees nearly perfectly with the
full continuum model near the onset of MIPS. We also give estimates
of the control parameter beyond which the higher order corrections
become relevant and compare the extended CH model to recent phe-
nomenological models.

CPP 26.7 Tue 15:30 H3
Spatially periodic patterns succeed active phase separation
— eoLisa Raprp, FaBiaAN BErRGMANN, and WALTER ZIMMERMANN —
Theoretische Physik I, Universitdt Bayreuth, 95440 Bayreuth

We investigate a model equation for a conserved order-parameter field
that covers as special cases the conserved Swift-Hohenberg model and
the extended Cahn-Hilliard model for active phase separation. This
model shows a primary bifurcation from a homogeneous state to large-
scale phase separation - as typical for active phase separation [1,2]. We
show here that with increasing distance from the primary bifurcation,
however, a novel secondary bifurcation to spatially periodic patterns
occurs. We explore these secondary periodic patterns in more detail
including hysteresis and bistability /coexistence of patterns.

[1] F. Bergmann et al.: Phys. Rev. E 98, 020603(R) (2018)

[2] L. Rapp et al.: arXiv:1901.03203 (2019)

CPP 27: Plasmonics Il (joint session O/CPP)

Time: Tuesday 14:00-16:30

CPP 27.1 Tue 14:00 HS8
Sum-Frequency Generation Enhanced by Localized Surface
Phonon Polaritons — eRiko KiessLing!, Yusin Tong!, ALEXAN-
peErR J. GiLes?, Josuua D. CaLpweLL?3, MarriN Worr!, and
ALEXANDER PAARMANN! — 1Fritz-Haber-Institut der MPG, Berlin,
Germany — 2U.S. Naval Research Laboratory, Washington, D.C.,
USA — 3Vanderbilt University, Nashville, USA

Nanophotonic devices open the way to tailor light-matter interaction
on the nano-scale by specifically designed structures of solid-state ma-
terial. This is advantageous for, e.g., the sub-diffractional localization
of light, which fosters amplification of nonlinear optical frequency con-
version processes by enhancement of local electric fields.

Here, we employ localized surface phonon polariton modes in nano-
structured polar dielectric media [1] to resonantly increase the non-
linear response. In contrast to surface plasmons, the optical phonon-
based approach exhibits significantly lower optical losses. By means
of IR-VIS sum-frequency generation spectroscopy [2], a strong mod-
ulation of the local electromagnetic fields, and thus, amplified up-
conversion radiation, is observed. Intensity and spectral position of
the nonlinear emission can be manipulated by the nanostructure de-
sign. In this way, sub-wavelength sized architectures prove to be an
efficient method for the control of localized fields associated with three-
dimensionally confined optical modes in the mid-infrared spectral re-
gion.

[1] Razdolski et al., Nano Lett. 16, 6954 (2016)

[2] Kiessling et al., Phys. Rev. Accel. Beams 21, 080702 (2018)

CPP 27.2 Tue 14:15 HS
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Location: H8

Nonlinear Response of Grating-Coupled Surface Phonon Po-
laritons — MARCEL KoHLMANN, NikorLal CHRISTIAN PASSLER,
MARTIN WoLF, and e ALEXANDER PAARMANN — Fritz-Haber-Institut
der Max-Planck-Gesellschaft, Berlin, Germany

Surface Phonon Polaritons (SPhPs) have recently attracted much at-
tention in infrared nanophotonics, due to their low losses compared to
plasmon polaritons. Specifically for nonlinear optics, SPhPs result in
tremendous enhancement of local optical fields [1,2]. Here, we study
the nonlinear response of grating-coupled SPhPs [3] in by means of
second-harmonic generation (SHG), in sub-wavelength SiC grating ge-
ometries. Non-specular emission of SHG is observed for resonant SPhP
excitation, demonstrating the peculiarities of nonlinear scattering for
grating-coupled nonlinear nanophotonics [4].

[1] Razdolski et al., Nano Letters 16, 6954 (2016).

[2] Passler et al., ACS Photonics 4, 1048 (2017).

[3] Greffet et al., Nature 416, 61 (2002).

[4] Quail and Simon, J. Opt. Soc. Am. B 5, 325 (1988).

CPP 27.3 Tue 14:30 HS8
Wavelength-dependent Third Harmonic Generation in
Metallic Thin Films — eVINCENT DRECHSLER, JoacHIM KRAUTH,
Mario HENTscHEL, and HARALD GIESSEN — 4th Physics Institute
and Research Center SCoPE, University of Stuttgart, Pfaffenwaldring
57, 70569 Stuttgart, Germany

Harmonic generation in plasmonic systems has gained significant inter-
est in the last years. While the plasmonic near-field enhancement has
been studied in great detail, little attention was paid to the origin of the
nonlinear signals which in fact lie in the microscopic nonlinearity of the
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involved plasmonic metals. In order to predict wavelength-dependent
nonlinear processes it is therefore crucial to understand these micro-
scopic nonlinearities. Utilizing an optical parametric oscillator as a
tunable broadband light source, we study wavelength-dependent third
harmonic generation from metallic thin films made of Gold, Copper,
and Magnesium. We find that the linear properties of the metallic
films, that is their absorption, strongly influence the third harmonic
generation efficiency. Optical transitions between the different bands
lead to a resonant enhancement of the third order susceptibilities. Uti-
lizing hydrogen to switch metallic magnesium to dielectric magnesium
hydride we can tune the nonlinearity of thin films and observe the
metallic-dielectric phase transition in the linear and nonlinear regime.
We find complex relations between the linear transmittance and the
radiated third harmonic, which provide new insights into the phase
transition.

CPP 27.4 Tue 14:45 HS8
Plasmonic analogue of Electromagnetically Induced Absorp-
tion Boosts Third Harmonic Generation — eJoacHIM KRAUTH,
Mario HENTSCHEL, BERND METZGER, and HARALD GIESSEN — 4th
Physics Institute and Research Center SCoPE, University of Stuttgart,
Pfaffenwaldring 57, 70569 Stuttgart, Germany

In three-dimensional nanostructures, the appropriate choice of geome-
try and materials allows for tailoring the linear optical properties in a
vast range. In the so-called plasmonic dolmen structure the coupling
between a bright and a dark state can be manipulated to realize the
plasmonic analogue of electromagnetically induced absorption (EIA),
resulting in an enhanced absorbance of the coupled system. In analogy
to solid state nonlinear optics, in which the linear absorption spectra
largely determine the nonlinear interaction, plasmonic EIA is therefore
expected to boost nonlinear conversion efficiencies. We are reporting
third harmonic generation spectroscopy results on a plasmonic EIA
system. The radiated third harmonic signals can be understood when
taking the intricate phase relation and coupling strength dependence
of EIA into account. An appropriately modified anharmonic oscillator
model based on the linear absorption spectra can describe the nonlin-
ear response of our three-dimensional plasmonic structure. The design
freedom associated with three-dimensional nanostructuring can pro-
vide further insight into the nonlinear response of complex plasmonic
systems.

CPP 27.5 Tue 15:00 HS8
Symmetry-forbidden second-harmonic generation in a
fully centro-symmetric plasmonic nanocircuit — eJuLiAN
OBERMEIER!, Tzu-Yu CHEN?, THORSTEN SCHUMACHER', FAN-
Cueng Lin2, Jer-Suine Huane®%5, Cuen-Bin Huang??, and
Markus Lippitz! — 1University of Bayreuth, Germany — 2National
Tsing Hua University, Taiwan — 3Leibniz Institute of Photonic Tech-
nology, Germany — %National Chiao Tung University, Taiwan —
5Research Center for Applied Sciences, Taiwan

Nonlinear optical frequency conversion on the nanoscale remains a
challenge, but may pave the path towards multi-functional optical
circuits. Surface plasmon fields are highly spatially confined near
the metal/dielectric interface and exhibit giant field enhancement.
These two attributes are invaluable for nonlinear optics with plasmons.
However, second-harmonic generation in bulk is forbidden in centro-
symmetric materials such as typical noble metals. Past efforts concen-
trated on the broken symmetry at the surface in combination with an
asymmetric shape of the particle. We introduce a new way of break-
ing the symmetry by a propagating mode of a plasmonic waveguide, a
two-wire transmission-line. We demonstrate that an optical mode of
correct symmetry is sufficient to allow SHG even in centro-symmetric
structures made of centro-symmetric material. This is a new degree of
freedom for on-chip nonlinear signal processing in nanophotonics.

CPP 27.6 Tue 15:15 HS8
Resonant Field Enhancement of Epsilon Near Zero Berre-
man Modes in an Ultrathin AIN Film — eNikorar CHRIs-
TIAN PassLeEr!, ILya Razporski!, Josuua D. CALDWELL2, MARTIN
Worr!, and ALEXANDER PAARMANN! — 1Fritz-Haber-Institute of the
MPG, Berlin, Germany — 2Vanderbilt University, Nashville, USA

In nanophotonics, the strongly enhanced local optical fields of po-
laritonic modes are the driving force of nonlinear optical phenomena.
In sub-wavelength thin polar dielectric films, a polaritonic Berreman
mode arises at the longitudinal optical phonon frequency where the
dielectric permittivity crosses zero [1]. Complementary to this radia-
tive epsilon near zero (ENZ) mode, also an evanescent ENZ polariton
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is supported at large in-plane momenta [2], exhibiting similar prop-
erties. At resonance, the Berreman mode features an immense field
enhancement, enabling to boost the efficiency of nonlinear nanopho-
tonic applications like all-optical ultrafast switching.

Employing a mid-infrared free-electron laser, we investigate the sec-
ond harmonic generation (SHG) of an ultrathin AIN layer on top of
bulk SiC. The employed SHG spectroscopy [3] serves as a direct experi-
mental probe of the tremendous field enhancement of the high-quality,
strongly confined ENZ Berreman mode. With these properties, the
AIN thin-film Berreman mode offers an appealing platform for the de-
velopment of novel infrared nanophotonic devices.

[1] Vassant et al., Optics Express 20, 23971 (2012)

[2] Passler et al., Nano Letters 18, 4285 (2018)

[3] Paarmann et al., Applied Physics Letters 107, 081101 (2015)

CPP 27.7 Tue 15:30 HS8

Enhanced second harmonic emission from zinc oxide
nanoparticles infiltrated into the pores of gold nanosponges

— oJuE-MIN Y1, Done Wanc?2, FELIX ScEwARz®, JINHUT ZHONG!,

ABBas CHIMEH!, ANKE KoRTE!, PETER ScHAAF?, ERicH RUNGES,
and CHRIsTOPH L1ENAU! — lCarl von Ossietzky Universitat, 26129
Oldenburg — 2TU Ilmenau,98693 Ilmenau. — 3TU Ilmenau, 98693

Ilmenau

We introduce zinc-oxide (ZnO)-functionalized porous gold (Au)
nanoparticles which exhibit strong second harmonic (SH) generation
around 400 nm by coupling surface plasmons (SPs) to ZnO excitons.
The hybrid nanosystem consists of a thin layer (710 nm) of ZnO in-
corporated into individual porous Au nanoparticles percolated with
a three-dimensional (3D) network of 10-nm sized ligaments acting as
nanoantennas and nanocavities. We have utilized a broadband and few-
cycle ultrafast laser to generate coherent nonlinear emission from in-
dividual bare nanosponges and from ZnO-functionalized sponges. The
third harmonic (TH) emission spectrum of Au/ZnO hybrid particles
reveals a distinct red shift with respect to pure Au sponges. In contrast,
a substantial broadening of the SH spectra and a distinct blue-shift is
seen in the ZnO-functionalized nanosponges. It is demonstrated that
SH emission around 400 nm, close to the ZnO band gap, is 15 times
stronger with respect to bare Au nanosponges. Such enhanced SHG
emission is attributed to plasmon-enhanced two-photon excitation of
ZnO excitons.

CPP 27.8 Tue 15:45 HS8
Revealing Plasmon-Exciton Coupling for SHG Enhancement
by Interferometric Frequency Resolved Autocorrelation —
eJinuUI ZHONG!, JUEMIN Y1!, Dong WaNG2, ANKE KoRrTE!, ABBAS
Cuiven!, PETER ScHAAF?, and CurisTorH LiENau! — llnstitute
of Physics, Carl von Ossietzky University Oldenburg, 26129 Olden-
burg, Germany — 2Institut fiir Mikro- und Nanotechnologien Macro-
Nano and Institut fiir Werkstofftechnik, Technische Universitat Ilme-
nau, 98693 Ilmenau, Germany

Plasmon-enhanced excitonic nonlinear emission from semiconductors
is interesting because the coupling of plasmon and exciton may boost
the nonlinear generation efficiency. Nevertheless, to date, a de-
tailed characterization of the electron dynamics of metal(plasmon)-
semiconductor(exciton) composites is lacking. Herein, we present
interferometric frequency-resolved autocorrelation (IFRAC) measure-
ments on individual porous gold nanoparticles (nanosponges) incor-
porated with ZnO that allows us to track spectrally and temporally
the response of the generated second-harmonic fields. We propose
a method to distinguish homogeneous and inhomogeneous spectral
broadening of plasmon resonances by Fourier-transform of the IFRAC
traces to get two-dimensional (2D) IFRAC spectra. More importantly,
we observed enhanced excitonic SHG emission at 390 nm from ZnO by
coupling to localized plasmons of gold nanosponges. Pronounced fea-
tures of coherent plasmon coupling are observed, proving that localized
plasmons enhance the nonlinear ZnO excitonic emission, as revealed
from the fundamental (FM) sidebands of the 2D spectra.

CPP 27.9 Tue 16:00 HS8
Low-temperature infrared dielectric function of hyperbolic
a-quartz — e CHRISTOPHER J. WINTA, MARTIN WoOLF, and ALEXAN-
DER PAARMANN — Fritz-Haber-Institut der Max-Planck-Gesellschaft

Natural hyperbolic materials, where the principal components of the
dielectric tensor have opposite signs, like hexagonal boron nitride [1],
have recently attracted much attention due to their unique character-
istics for polaritonic nanophotonics [2]. Here, we show that also the
common uniaxial crystal a-quartz exhibits multiple hyperbolic bands
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in the far-infrared (far-IR), which support low-loss hyperbolic modes
at low temperatures.

We determine the IR dielectric properties of a-quartz in the tem-
perature range from 1.5K to 200 K. Far-IR reflectivity spectra of a
single crystal y-cut were acquired in 8 distinct configurations. Fitting
a multi-oscillator model globally to these data allows for extraction of
frequencies as well as damping rates of the in-plane and out-of-plane,
the longitudinal and transverse IR-active optic phonon modes, and
hence the temperature-dependent ordinary and extraordinary dielec-
tric functions, ¢ (w) and €||(w), respectively.

The results are consistent with previous high temperature studies [3]
and indicate remarkably high quality factors, @, for polaritons at low
temperatures in a-quartz’s hyperbolic spectral region.

[1] Caldwell et al., Nature Communications 2014, 5.

[2] Liu, Lee, Xiong, Sun, Zhang, Science 2007, 315, 1686-1686.

[3] Gervais and Piriou, Phys. Rev. B 1975, 11, 3944-3950.

CPP 27.10 Tue 16:15 HS8
Tunable Low Loss 1D Surface Plasmons in InAs Nanowires —
eYix1 Znou!, Jianing CueEN', and Tnomas TAUBNER? — !Institute

of Physics, CAS — 2Institute of Physics (IA), RWTH Aachen

Due to the ability to manipulate photons at the nanoscale, plasmonics
has become one of the most important branches in nanophotonics [1].
The prerequisites for the technological application of plasmons include
high confining ability (Ag/Ap), low damping, and easy tunability. How-
ever, plasmons in typical plasmonic materials, i.e. noble metals, can-
not satisfy these three requirements simultaneously, therefore limiting
their overall applicability [2].

Here, indium arsenide (InAs) nanowires are identified as a material
that satisfies all three prerequisites, providing a platform for modern
nanophotonics. The dispersion relation of InAs plasmons is determined
using the nanoinfrared imaging technique, and show that their asso-
ciated wavelengths and damping ratios can be tuned by altering the
nanowire diameter and dielectric environment. The launched plasmons
simultaneously exhibit high confinement factor (Ao/Ap = 34) and low
damping rate (y~1 = 25) [3]. The observation of InAs plasmons could
enable novel plasmonic circuits for future subwavelength applications.
(1] J. A. Schuller et al., Nat. Mater. 9, 193 (2010).

(2] D. K. Gramotnev et al., Nat. Photonics. 4, 83 (2010).

[3] Y. Zhou et al., Adv. Mater. 30, 1802551 (2018).

CPP 28: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge IV (joint
session O/CPP/DS/TT)

Time: Tuesday 14:00-16:45

Topical Talk CPP 28.1 Tue 14:00 H9
The Data Revolution in Materials Science, Through the Lens
of the Materials Project — eKRISTIN PERssoN — University of
California, Berkeley, USA

Advanced materials are essential to economic and societal develop-
ment, with applications in multiple industries, from clean energy, to
national security, and human welfare. Historically, novel materials ex-
ploration has been slow and expensive, taking on average 18 years from
concept to commercialization. Due to the tremendous improvements
in computational resources, coupled with software development during
the last decades, real materials properties can now be calculated from
quantum mechanics much faster than they can be measured. A new
era of computational materials prediction and design has been born. A
result of this paradigm change are databases like the Materials Project
which is harnessing the power of supercomputing together with state
of the art quantum mechanical theory to compute the properties of
all known inorganic materials and beyond, design novel materials and
offer the data for free to the community together with online analysis
and design algorithms. We leverage the rich data from the Materials
Project for machine learning; accelerating materials design, character-
ization and finally synthesis of materials. This talk will survey this
rapidly evolving and exciting paradigm in science, showcasing the pos-
sibilities and iteration between ideas, computations, insight and new
materials development.

CPP 28.2 Tue 14:30 H9
High-throughput simulations of complex band structure —
eEMANUELE Bosoni and STEFANO SANVITO — School of Physics and
CRANN, Trinity College Dublin, College Green, Dublin 2

The Complex Band Structure (CBS) generalizes the conventional band
structure of a material by considering wave-vectors with complex com-
ponents. The CBS extends the description of the allowed states of a
material beyond the bulk propagating states, including in the picture
the evanescent wave-functions that grow or decay from one unit cell
to the next. Even though these latter states are forbidden by transla-
tional symmetry, they become important when this is broken via, for
example, an interface. In the past, many studies made use of CBS
calculations in order to confirm or motivate experimental findings, but
only recently we see some efforts to give an unified prospective to the
study of this quantity [1]. Moreover, the growth in recent years of high-
performance computational resources available at relatively low cost
opens the possibility to make a systematic, high-throughput, study of
the CBS within the Density Functional Theory (DFT) framework.

In this contribution we will present our implementation of the Trans-
fer Matrix Method [1] for the calculation of the CBS within the DFT
code Siesta [2] and we will explain challenges and benefits of the high-
throughput approach. We will present a proof of concept example in
which we calculated the CBS for a set of materials and we will conclude
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Location: H9

explaining the relevance of our project in the field of spintronics.
[1] Reuter M. G., J. Phys.: Condens. Matt. 29, 053001 (2017)
[2] J. M. Soler et al., J. Phys.: Condens. Matt. 14, 2745 (2002)

CPP 28.3 Tue 14:45 H9
Computational Screening of 2D Materials for Solar Cells Ap-
plication — e ANDERS CHRISTIAN Riis-JENSEN and KRISTIAN SoM-
MER THYGESEN — Institute for Physics, Technical University of Den-
mark

Two-dimensional (2D) materials have attracted great attention in re-
cent years, not least due to their extremely strong coupling to light and
pronounced excitonic effects. This makes 2D materials an ideal play-
ground for studying light-matter interaction in nano-scale materials for
applications within e.g. solar cells and photo-detectors. In this work,
we present a large-scale computational study of a wide variety of 2D
materials with the aim of identifying novel candidates with strong light-
matter interaction. Specifically, we calculate the absorption spectrum
of almost 2000 materials at the level of the Random Phase Approxi-
mation (RPA) and/or by solving the Bethe-Salpeter Equation (BSE).
This enables us of calculating the Power Conversion Efficieny (PCE)
for all these materials fully ab-initio. Based on this we identify specific
2D semiconductors for both single- and tandem solar cells. The best
candidates present power densities (PCE per unit mass) of several or-
ders of magnitude larger than both Si and GaAs. Lastly, we also show
a detailed analysis of a few 2D materials, in which we find exciton
states with exceptionally strong coupling to light and large exciton
binding energies.

CPP 28.4 Tue 15:00 H9
First-principles Modelling of Solid-Solid Interfaces in all
Solid-State Batteries — eBora Karasurul, James P. Darsvy!,
CLARE P. GrEY?, and ANDREW J. MoRrris? — 'Dept. of Physics,
Univ. of Cambridge, UK — 2Dept. of Chemistry, Univ. of Cambridge,

UK — 3School of Metallurgy and Materials, Univ. of Birmingham, UK

All solid-state batteries (ASSBs) can potentially mitigate the safety
issues known for conventional Li-ion batteries, and provide enhanced
energy densities, by replacing the organic electrolyte solutions with
solid inorganic equivalents. Mechanical and (electro)chemical incom-
patibilities between the ASSB solid components, however, lead to high
resistances, curtailing the Li-ion transport at their interfaces. In this
talk, we introduce a high-throughput ab initio modelling approach to-
wards the rational design of electrolyte/electrode interfaces in ASSBs.
First, we obtain phase diagrams of sulfide-based electrolytes with di-
verse compositions, phases, vacancies and doping using the Ab Initio
Random Structure Searching (AIRSS) method. Next, the stable and
low-lying metastable phases are screened for their ionic conductivity
using ab initio molecular dynamics simulations. Finally, diverse sur-
faces of the selected electrolyte phases are interfaced with the surfaces



Regensburg 2019 — CPP

Tuesday

of electrodes or other interfacial (e.g. solid electrolyte interphase, SEI)
layers to determine the stable combinations using an automated pro-
cedure (INTERFACER). The devised approach will be demonstrated
in action for a collection of interfaces, e.g. Li-P-S electrolytes with
LiCo2, Li-metal electrodes and alike.

CPP 28.5 Tue 15:15 H9
New Insights into Amorphous Materials and their Surfaces
by Combining Machine Learning and DFT — eVoLKER DE-
RINGER — University of Cambridge, Cambridge, UK

Understanding links between atomic structure, chemical reactivity, and
physical properties in amorphous solids is a long-standing challenge.
DFT-based atomistic simulations have played important roles in this,
but come at high computational cost. Novel interatomic potentials
based on machine learning (ML) achieve close-to DFT accuracy, but
require only a small fraction of the cost. In this talk, I will argue that
such ML-based potentials are particularly useful for studying amor-
phous solids.

First, I will describe a Gaussian Approximation Potential (GAP)
for amorphous carbon, which we recently used to simulate the deposi-
tion of tetrahedral amorphous carbon (¢a-C) films, one atom at a time.
These simulations reproduced the experimentally observed count of sp3
atoms and gave new insight into the microscopic growth mechanism.
I will then discuss how ML-based potentials can be combined with
density-functional methods to yield new insights into surface function-
alization (specifically, hydrogenation and oxidation) of ta-C. Finally,
I will present recent work on amorphous silicon, another prototypi-
cal non-crystalline material that ML-driven simulations can describe
with high accuracy. Looking ahead, these studies suggest that ML-
based potentials may become more widespread tools for the realistic
modelling and understanding of the amorphous state.

CPP 28.6 Tue 15:30 H9
Harvesting from unbiased sampling of open systems: phase
diagrams and property maps of surfaces and clusters in re-
active atmosphere — eYUANYUAN ZHOU, MATTHIAS SCHEFFLER,
and Luca M. GHIRINGHELLI — Fritz-Haber-Institut der Max-Planck-
Gesellschaft, Berlin, Germany

Numerous processes that occur at surfaces of materials play a critical
role in the manufacture and performance of functional materials, e.g.,
electronic, magnetic, and optical devices, sensors, catalysts, and coat-
ings. A prerequisite for analyzing and understanding the electronic
properties and the function of surfaces is detailed knowledge of the
atomic structure, i.e., the surface composition and geometry under
realistic condition. We introduce a Replica-Exchange (RE) Grand-
Canonical (GC) Monte-Carlo algorithm. By means of the coupled sam-
pling at several chemical potentials (i.e., partial pressures) of a reactive
gas atmosphere and temperatures, the REGC scheme enables the un-
biased calculation of (p,T) phase diagrams of surfaces, nanoparticles,
or clusters in contact with reactive atmosphere, where all anharmonic
contributions are included. Moreover, the multi-canonical sampling
yields the temperature-pressure dependence (map) of all equilibrium
observables that can be measured within the given model Hamiltonian.
For instance, structural parameters such as the radial distribution func-
tion, or the fundamental electronic gap. This allows for rational design,
where operando condition are taking fully into account. We demon-
strate the approach for model Lennard-Jones surfaces as well as Si
clusters and surfaces in a hydrogen atmosphere.

CPP 28.7 Tue 15:45 H9
Crystal structure prediction for high capacity battery ma-
terials — eANGELA F Harper! and ANDREw J MoRrris?
IDepartment of Physics, University of Cambridge, JJ Thomson Ave,
Cambridge CB3 0HE, UK — 2School of Metallurgy and Materials,
University of Birmingham, Edgbaston, Birmingham, UK

The future of large-scale energy storage relies heavily on the ability
of Li-ion batteries to have high capacity and long-term stability. At
present, graphite anodes limit the overall capacity of Li-ion batteries
to a theoretical maximum of 372 mAh/g, and thus there is a need for
higher capacity anodes such as phosphorus. We have studied lithia-
tion in phosphorus using a combination of ab initio random structure
searching (AIRSS) and density-functional theory calculations. In the
Li-P system we found a novel phase of P212;2; LisP3, which showed
stable 0K phonon modes [1]. We further showed, using defect AIRSS
searches, that doping the known Li-P phases with aluminium improved
their electronic density of states at the Fermi level, and could improve
conductivity in phosphorus anodes. To improve the cyclability of these
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phosphorus anodes, which break down after several cycles due to vol-
ume expansion of over 200%, in this talk we will investigate the phase
diagrams and voltage profiles of several ternary compounds of Li-P-
M where M is a metallic element which maintains the conductivity of
aluminium doping and adds stability to the anode.

[1] Mayo, M. et al. Chem. Mater. 2016, 28, 2011*2021

CPP 28.8 Tue 16:00 H9
Constructing Accurate Machine Learning Force Fields for
Flexible Molecules ®VALENTIN VASSILEV-GALINDO, IGor
Porravsky, and ALEXANDRE TKATCHENKO — Physics and Material
Science Research Unit, University of Luxembourg, Luxembourg

State-of-the-art machine learning (ML) models can reproduce poten-
tial energy surfaces (PES) for molecules containing up to a few tens
of atoms with the accuracy comparable to the most exact ab initio
methods. This provides a unique tool for computing different thermo-
dynamic properties that would require millions of CPU years other-
wise. For instance, a recently developed sGDML[1,2] model predicts
forces and energy with CCSD(T) accuracy using just a few hundreds of
configurations for training. However, up to now ML has been mainly
applied to rather rigid molecules. In this regard, our objective is to test
ML for flexible molecules and out-of-equilibrium configurations along
transition paths. For this, we select molecules (e.g. azobenzene, stil-
bene) with relatively complex transition paths, which result from an
interplay between long- and short-range interactions. Then, different
paths connecting PES minima are tested using sGDML. This allows
us to define optimal descriptors and the most appropriate strategies
for choosing the training sets, which is crucial for ML models relying
on a limited number of training points. Our results open an avenue for
efficiently calculating transport pathways, transition rates and other
out-of-equilibrium properties with previously unattended accuracy.
[1] Chmiela, S. et al., Sci. Adv. 3, €1603015 (2017).
[2] Chmiela, S. et al., Nat. Commun. 9, 3887 (2018).

CPP 28.9 Tue 16:15 H9
Calculating critical temperatures for magnetic order in two-
dimensional materials — eDANIELE TorRELLI — CAMD, Depart-
ment of Physics, Technical University of Denmark, 2820 Kgs. Lyngby,
Denmark

Recent observation of ferromagnetic out-of-plane order in two-
dimensional (2D) Crls highlights the importance of a microscopic un-
derstanding of magnetic anisotropy (MA) in ground state magnetic
systems. Single-ion anisotropy and anisotropic exchange coupling com-
prise crucial ingredients to escape the Mermin-Wagner theorem which
implies that rotational symmetry cannot be spontaneously broken at
any finite temperature in 2D and thus prevents magnetic order.

In the present work we investigate the variation of critical temper-
ature in Heisenberg model systems using classical Metropolis Monte
Carlo simulations. A fit for square, hexagonal and honeycomb lattices
leads to a simple expression for the critical temperatures as a function
of MA and exchange coupling constants.

Based on a new developed computational 2D materials database, we
predict 2D structures with high critical temperatures and high thermo-
dynamic and dynamic stability for future experimental investigations.
As testing system, relevant Heisenberg exchange couplings and MA
energies in mono-layer Crlz are obtained from first principle calcula-
tions and energy mapping analysis, yielding to an estimation of Curie
temperature in good agreement with experimental results.

CPP 28.10 Tue 16:30 H9
Amino-acids on metallic surfaces: searching conformational
space — eDMITRII MAKsiMOV, CARSTEN BALDAUF, and MARIANA
Rosst — Fritz-Haber-Institut der Max-Planck- Gesellschaft, Faraday-
weg 4-6, 14195 Berlin, Germany

Organic-inorganic interfaces are challenging for computational model-
ing, in particular regarding the prediction of stable configurations at
the interface, which determine the electronic properties of the system
as a whole. The amino acid arginine is a flexible molecule in the gas
phase and experiments show its self-assembly into dimers, rings, and
chains on Ag(111) and Au(111) surfaces. For two protonation states
(neutral Arg and charged ArgH™), we perform systematic structure
searches by placing known gas-phase minima in different orientations
on top of the surfaces, followed by full relaxation within long-range
dispersion corrected density-functional theory (DFT). In the analysis,
we aim at understanding the alterations of the conformational space
from the gas phase to surface adsorption by means of a dimensionality-
reduced representation based on a combination of the Smooth Overlap
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of Atomic Positions (SOAP) and the Sketchmap techniques [1]. The
favorable interaction with the metallic surface reduces the number of
accessible conformations for neutral Arg. For the adsorption of charged

ArgH™, the number of local minima increases due to surface-dependent
partial charge screening. [1] S. De et al., J. Cheminform., 9:6 (2017)

CPP 29: Two-dimensional Materials Il: graphene (joint session HL/CPP)

Time: Tuesday 14:00-15:45

CPP 29.1 Tue 14:00 H36

Field-controllable spin relaxation anisotropy in
graphene/hBN heterostructures — eKraus ZoLLNER!, MAR-
TIN GMITRAZ, and JarRosLav Fapian! — lInstitute for Theoretical

Physics, University of Regensburg, 93040 Regensburg, Germany —
2Institute of Physics, P. J. Safarik University in Kogice, 04001 Kosice,
Slovakia

Measurements show a large and tunable anisotropy in the spin relax-
ation of hBN encapsulated bilayer graphene [1,2], similar to what is ob-
served in graphene/TMDC heterostructures [3]. Combining systematic
first principles calculations for graphene/hBN heterostructures with a
minimal tight-binding model, we extract spin-orbit coupling parame-
ters of graphene in the peV range. The extracted model parameters
depend on (i) interlayer distances, (ii) stacking configurations, and (iii)
an external electric field, resulting in a rich parameter space. Based
on the Dyakonov-Perel formalism we calculate spin relaxation times
for graphene, in the nanosecond range, in agreement with recent ex-
perimental measurements. A very important finding is that the spin
relaxation anisotropy is maximum close to the charge neutrality point,
decreasing with the doping level. In addition, we also show that the
anisotropy can be tuned by means of an external electric field, via the
precise control of the Rashba SOC.

This work is supported by the DFG SPP 1666.

[1] Xu et al., PRL 121, 127703 (2018)

[2] Leutenantsmeyer et al., PRL 121, 127702 (2018)

[3] Cummings et al., PRL 119, 206601 (2017)

CPP 29.2 Tue 14:15 H36
Microscopic theory of band gap opening and spin-orbit
splitting in graphene/TMDC heterobilayers — e ALESSANDRO
Davip!, ANpor KorMANYOS2, and Guipo BURKAD! — 1Department
of Physics, University of Konstanz, Konstanz, Germany
2Department of Physics of Complex Systems, E6tvos Lorand Univer-
sity, Budapest, Hungary

Bilayers of graphene and monolayer transition metal dichalcogenides
(TMDCs) are fascinating van der Waals heterostructures with an in-
teresting electronic band structure. Theoretical ab initio calculations
have shown a gap opening and a spin-orbit splitting in the band struc-
ture of graphene that are induced by the TMDC layer [1, 2]. These
results have been experimentally confirmed by recent magnetotrans-
port experiments showing weak antilocalisation (WAL) [2, 3]. Using
perturbation theory, we propose a microscopic model to explain the
origin of the gap and of the spin-orbit splitting. We also consider the
dependence of the spin-orbit splitting on the misalignment of graphene
and TMDC layers.

[1] M. Gmitra, D. Kochan, P. Hogl, and J. Fabian, Phys. Rev. B
93, 155104 (2016). [2] Z. Wang, D.-K. Ki, H. Chen, H. Berger, A. H.
MacDonald, and A. F. Morpurgo, Nat. Comm. 6, 8339 (2015). [3]
T. Wakamura, F. Reale, P. Palczynski, S. Guéron, C. Mattevi, and H.
Bouchiat, Phys. Rev. Lett. 120, 106802 (2018).

CPP 29.3 Tue 14:30 H36
Spatio-temporal dynamics in graphene — eRorLAND Jaco,
SaMmMUEL BreEM, and ERMIN MaLic — Chalmers University of Tech-
nology, Gothenburg, Sweden

While the time- and energy resolved non-equilbirium dynamics in
graphene is well understood [1], there is only little known about spatio-
temporal electron dynamics. Optically excited carriers at the interfaces
of inhomogeneities (e.g. p-n junctions, different substrate regions) cre-
ate density and temperature gradients resulting in diffusion of carriers.
Since many-particle interactions and diffusion depend on the condi-
tions of the inhomogeneity, the transport of carriers is asymmetric and
results in a photocurrent.

In this work, we apply the density matrix formalism solving the
spatio-temporal graphene Bloch equations. We provide microscopic
access to time-, momentum and spatially resolved optical excitation,
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Coulomb- and phonon-induced relaxation dynamics, and conversion
of light into electrical current in graphene. The gained microscopic
insights allow us to predict optimal conditions for photodetection in
graphene.

[1] E. Malic and A. Knorr, Ultrafast optics and relaxation dynamics,
VCH-Wiley, Berlin (2013)

CPP 29.4 Tue 14:45 H36
How Laser-induced defects modify optical properties of
semiconducting Armchair Graphene Nanoribbons — eSEYED
KHALIL Aravib2, Boris V. SENKOVSKIY®, MARKUS PFEIFFER!,
DaNNy HaBERER?, FELIX R. Fiscuer?, ALEXANDER GRUNEIs3, and
Kras Linprors! — 1Department of Chemistry, Universitéit zu Koln,
Luxemburger Str. 116, 50939 Kéln, Germany — 2Institut fiir Ange-
wandte Physik der Universitdt Bonn, Wegeler Strasse 8, 53115 Bonn,
Germany — 3II. Physikalisches Institut, Universitét zu Kdln, Ziilpicher
Strasse 77, 50937 Koln, Germany — “Materials Sciences Division,
Lawrence Berkeley National Laboratory, Berkeley, CA 94720, USA

Armchair graphene nanoribbons (AGNRs) with tunable band gap are
promising candidate for optoelectronic devices. We have earlier shown
how photoluminescence emission is boosted via formation of laser-
induced defects in AGNRs lattices [1]. Here we probe the origin of
this modification by measuring the extinction spectrum of a layer of
AGNRs. Our results show that there are two pronounced peaks at
approximately 2.4 and 1.8 eV in the spectrum of pristine GNRs. The
latter peak energetically coincides with emission feature. This peak
surprisingly disappears from the extinction spectrum after defects for-
mation. We thus attribute the 1.8 eV peak to a quenching state. We
additionally extract the absolute absorbance of AGNRs and find that
it is a factor of three higher than graphene absorbance in visible range.
[1] B. V. Senkovskiy, M. Pfeiffer, S. K. Alavi, et al., Nano Lett. 17,
4029-4037, 2017.

CPP 29.5 Tue 15:00 H36
Anisotropic strain induces a transition between rhombo-
hedral and Bernal stacking in multilayer graphene flakes
— FaBIAN GEISENHOF!, RAUL GUERRO-AVILEs?, MaRta PELC?,
FeLix WINTERER!, ToBias Goxkus3, Yasin Durmaz®?, DANIELA
Priesack!, JakoB Lenz!, Frirz KEILMANN®5, ANDRES AYUELAZ,
and eTHomas WEiTzh456 — 1AG Physics of Nanosystems, Fac-
ulty of Physics, LMU Miinchen, Germany — 2Donostia Interna-
tional Physics Center, San Sebastian, Spain — 3Neaspec GmbH,
Miinchen, Germany — 4Department of Physics, LMU Miinchen, Ger-
many — °Center for Nanoscience (CeNS), Miinchen, Germany —
6Nanosystems Initiative Munich (NIM), Miinchen, Germany

Graphene multilayers are still full of surprises - this is clear at lat-
est since the recent discovery of unconventional superconductivity in
‘magic-angle’ bilayer graphene. Not only in bilayers the density of
states critically depends on the lateral alignment of subsequent layers,
but also in thicker graphene stacks (e.g. in trilayers). There, two dif-
ferent forms of stacking, so called Bernal and rhombohedral stacking
exist, each with distinct charge transport properties. Via combined
theoretical and experimental efforts we have surprisingly found [1],
that during the fabrication process with conventional e-beam lithogra-
phy, anisotropic strain forces rhombohedrally stacked regions towards
Bernal stacking. We have experimentally identified the stacking change
with Raman spectroscopy and s-SNOM measurements and devised
methods how to avoid the transformation. [1] F.G. Geisenhof et al.
ArXiv:1810.00067 (2018)

CPP 29.6 Tue 15:15 H36
Bio-compatible graphene exfoliation assisted by flavin
mononucleotide sodium: a molecular dynamics study —
eSuiroNG Huanc!, ALexanper Crov!, VikTor Bezucry!2, and
GianaureLio CuniBerri!3 — lInstitute for Materials Science and
Max Bergmann Center for Biomaterials, Technische Universitdt Dres-
den, 01062 Dresden, Germany — 2Life Science Inkubator Sachsen
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GmbH & Co. KG, Tatzberg 47, 01307 Dresden, Germany — 2Dresden
Center for Computational Materials Science (DCMS), TU Dresden,
01062 Dresden, German

Flavin mononucleotide sodium (FMNS) was reported as a highly effi-
cient bio-dispersant for the exfoliation of aqueous dispersions of defect-
free, few-layer graphene flakes. Most importantly, FMNS is innocuous
and environment friendly and can facilitate bio-medical applications
of graphene. Although there is some experimental work on graphene
exfoliation assisted by FMNS, it is not clear how FMNS molecules be-
have on the graphene flake. Here, we clarify the interaction between
FMNS and graphene flakes via all-atom molecular dynamic simula-
tions. The exfoliation mechanism of FMNS on the graphene flake is
investigated by the potential of mean force (PMF) of pairs of graphene
flakes coated with FMNS. This work provides a basis for understanding
of graphene exfoliation assisted by FMNS-like surfactants and paves
a path to design highly efficient dispersants for defect-free, few layer

graphene.

CPP 29.7 Tue 15:30 H36
Scanning Nitrogen-Vacancy Center Magnetic Imaging of
Graphene Devices — ¢SUSANNE BAUMANN, ALEC JENKINS, SIMON
MEeYNELL, HAOXIN ZHOU, ANDREA YOUNG, and ANiA BLESZYNSKI
Javichn — UC Santa Barbara, Santa Barbara, USA

The NV center is a quantum probe that is sensitive to a variety of
fields (magnetic, electric, thermal, strain), can achieve nanoscale spa-
tial resolution, is non-invasive, and can operate over a wide range of
temperatures; hence it is an ideal tool for studying novel phases of
matter that often emerge only below a critical temperature. Here we
use a cryogenic scanning NV magnetometer to probe the stray mag-
netic field of a current running through a single layer graphene device.
With this technique we are able to probe different regimes of current
flow via their local signatures over a variety of temperatures.

CPP 30: Complex Fluids and Colloids, Micelles and Vesicles (joint session CPP /DY)

Time: Wednesday 9:30-12:45

Invited Talk CPP 30.1 Wed 9:30 H14
Microstructural transitions and characterization of capillary
suspensions — SEBASTIAN BINDGEN!, Frank BossLER?, IRENE
Nararial, and eEriN Koos! — Department of Chemical Engineer-
ing, KU Leuven, Leuven, 3001, Belgium — Z2Institute for Mechani-
cal Process Engineering, Karlsruhe Institute of Technology, Gotthard-

Franz-Str. 3, 76131 Karlsruhe, Germany.

Suspensions can exhibit a wide range of rheological behaviors that are
closely linked to both the bulk particle structure as well as the mi-
crostructure including direct particle contacts. Graph theory offers
methods and parameters that can be used to analyze complex struc-
tures. This method is demonstrated using ternary liquid-liquid-solid
systems, which exhibit a wide variety of different morphologies depend-
ing on the ratio of the three components. We analyze these networks
using the coordination number and clustering coefficient. These pa-
rameters are compared to the measured storage and loss moduli.

These capillary suspension networks also exhibit atypical rheological
behavior. For instance, a negative normal stress difference is observed
from re-orientation of the flocs into the vorticity direction during shear-
ing. Typically, systems with negative normal stress differences have
either high volume concentrations and are shear thinning, or are shear
thickening with very low particle concentrations. In contrast, the cap-
illary suspensions we report here have a 25% solid concentration and
are shear thinning; a combination that has never before been reported
in literature.

CPP 30.2 Wed 10:00 H14
Flow of silica rods in microfluidic channels — eHansoL Jeon!
and DIrk AArTs? — 'Max Planck Institute for dynamics and self-
organization, Gottingen, Germany — 2University of Oxford, Oxford,
United Kingdom

This project presents the flow of dense liquid crystal phases of colloidal
silica rods in microfluidic channels. We describe the synthesis of silica
rods that exhibit three different phases (isotropic, nematic and smec-
tic). Using microfluidic channels of novel designs, we observe the flow
behaviour of silica rods in the channels by confocal microscopy. We
then conduct image analysis to track the dyed rods and measure the
flow profile. We compare the flow profiles with the theory and provide
future outlook to this experiment.

CPP 30.3 Wed 10:15 H14
Dynamics during the formation of an arrested protein
phase separation studied using X-ray photon correlation
spectroscopy — eNarisa Braam!, ANiTA GIRELLI', ANASTA-
siA RacuLskaval, HENDRIK RaHMANNZ, KEVIN LopraTa2?, FABIAN
WESTERMEIER®, CHRISTIAN GuTT?, FAJUN ZHANG!, and FRANK
ScHREIBER! — l1Universitét Tiibingen, Germany — 2Universitit

Siegen, Germany — 3Petra III, DESY, Germany

Phase separation in aqueous protein solutions is of primary interest in
the field of many biological and chemical processes. It is observed that
the glass line often interrupts the phase separation [1] and leads the
solution to a dynamically arrested state which results in a drastic re-
duction of the microscopic relaxation rate. Kinetics of phase separation
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of such a system of bovine «-globulin in the presence of polyethylene
glycol studied using ultra-small angle X-ray scattering [2| shows an ar-
rest for a quench to temperatures below ~ 2.5°C. Here, our goal is to
study the dynamics of the solution while approaching such an arrested
state. We have used X-ray photon correlation spectroscopy which pro-
vides the time evolution of dynamics in the form of two time correla-
tion (TTC) functions. A systematic study of the evolving dynamics of
protein solutions during arrest at different quench temperatures using
TTC exhibits initially an exponential growth of the relaxation time
and at the later stage, an ageing heterogeneous dynamics. This study
reveals a comprehensive picture of the protein dynamics that leads the
solution to an arrested state. [1] Cardinaux et. al, Phys. Rev. Lett.,
99, 118301, (2007) [2] S. Da Vela et. al, Soft Matter, 13, 8756, (2017)

CPP 30.4 Wed 10:30 H14
Electron-Atom duality in DNA-programmable assembly —
eMARTIN GIRARD!, ANINDITA Das?4, Suunzur Wang?4, JINGSHAN
Du®4, Byeonapu LEe®, CHAD A. MIrkIN?#, and Monica OLVERA
pE LA Cruz3:® — 1Max Planck Institute for Polymer Physics, Mainz,
Germany — 2Department of Chemistry, Northwestern University,
Evanston, IL, USA — 3Department of Material Science and Engi-
neering, Northwestern University, IL, USA — 4International Insti-
tute for Nanotechnology, Evanston, IL, USA — %X-ray Science Di-
vision, Advanced Photon Source, Argonne National Laboratory, 1L,
USA — SDepartment of Physics and Astronomy, Northwestern Uni-
versity, Evanston, IL, USA

A powerful method for designing colloidal crystals involves the use
of DNA as a particle-directing ligand. With such systems, DNA-
nanoparticle conjugates are considered programmable atom equiva-
lents (PAEs), and design rules have been devised to engineer complex
crystallization outcomes. Here, we report a new property of PAEs, a
type of electron-atom duality. When reduced in size and DNA graft-
ing density, PAEs can behave as electron equivalents (EEs) and move
through lattices defined by larger PAEs. In such mixtures, the EEs
roam through the crystals as electrons do in metals, holding the large
PAEs in specific lattice sites. As the number of strands increases or
the temperature decreases, the EEs localize yielding a transition from
a metal to a compound. This concept of electron-atom-equivalent du-
ality changes the way we think about colloidal systems and helps define
new routes to metallic, intermetallic, and compound phases.

CPP 30.5 Wed 10:45 H14
Interaction forces in model cement systems — eSimMoN BECKER
and REGINE voN KrLiTzING — Soft Matter at Interfaces, Institut fiir
Festkorperphysik, TU Darmstadt

For the workability of concrete and cement as highly abundant con-
struction materials the flow behaviour in the early stages of these ma-
terials is of special interest. This can be influenced using additives such
as super plasticizers to decrease the viscosity of cement pastes, yielding
an enhanced workability. A better understanding of the interactions
on the nanoscopic level and the impact on the macroscopic rheology is
of great importance in the development of higher performing additives.

The interaction between model particles is mapped via colloidal-
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probe atomic force microscopy (CP-AFM) in sphere-sphere geometry.
Combining CP-AFM with optical microscopy allows to arrange col-
loidal particles coaxially and determine the interaction forces between
these particles upon approach. Spherical silica beads with diameters in
the micrometer range serve as model cement grains due to the restric-
tion of the AFM technique to either spherical particles or particles with
a defined roughness. The influence on the interaction forces of these
model grains in presence of different pH and different salts such as KCl
and CaClz and their concentrations is investigated. Furthermore the
change of the interaction between the model particles in presence of
different concentrations of PCE is examined.

CPP 30.6 Wed 11:00 H14
Computing the 3D Radial Distribution Function from Par-
ticle Positions: An Advanced Analytic Approach — eBERND
F. A. KoreEra and MARKUS RETSCH — Department of Chemistry,
University of Bayreuth, Universitatsstrafse 30, 95447 Bayreuth

The radial distribution function, g(r), is ubiquitously used to analyze
the internal structure of particulate systems. However, experimentally
derived particle coordinates are always confined to a finite sample vol-
ume. This poses a particular challenge on computing g(r): Once the
radial distance, r, extends beyond the sample boundaries in at least one
dimension, substantial deviations from the true g(r) function can oc-
cur. State of the art algorithms for g(r) mitigate this issue for instance
by using artificial periodic boundary conditions. However, ignoring
the finite nature of the sample volume distorts g(r) significantly. Here,
we present a simple, analytic algorithm for the computation of g(r) in
finite samples. No additional assumptions about the sample are re-
quired. The key idea is to use an analytic solution for the intersection
volume between a spherical shell and the sample volume. In addition,
we discovered a natural upper bound for the radial distance that only
depends on sample size and shape. This analytic approach will prove
to be invaluable for the quantitative analysis of the increasing amount
of experimentally derived tomography data.

15 min. break

CPP 30.7 Wed 11:30 H14
A classical density functional from machine learning and a
convolutional neural network — esHaNccHUN LIN and MARTIN
OETTEL — Institut fiir Angewandte Physik, Universitdt Tiibingen ,
Tibingen, Deutschland

We use machine learning methods to approximate a classical density
functional. The functional *learns* by comparing the density profile
it generates with that of simulations. As a study case, we choose the
model problem of a Lennard Jones fluid in one dimension where there
is no exact solution available and training data sets must be obtained
from simulations. After separating the excess free energy functional
into a "repulsive" and an "attractive" part, machine learning finds a
functional in weighted density form for the attractive part. The den-
sity profile at a hard wall shows good agreement for thermodynamic
conditions beyond the training set conditions. This also holds for the
equation of state if it is evaluated near the training temperature.

CPP 30.8 Wed 11:45 H14
Semi-dilute mixtures of circular and linear polymers - to-
wards novel separation techniques — eLisa B. Wriss!, CHRis-
Tos N. Likos!, and Arasn NikouBasaMaN? — !Faculty of Physics,
University of Vienna, Boltzmanngasse 5, A-1090 Vienna,Austria
— 2Institute of Physics, Johannes Gutenberg University Mainz,
Staudingerweg 7, 55128 Mainz, Germany

Linear polymers have been extensively studied in various concentration
regimes, at rest and when exposed to a variety of flow fields. Recently,
this interest extended to ring polymers, focusing on melts and dilute so-
lutions. When diluted and at rest, rings show the same scaling behavior
as chains, but when exposed to non-equilibrium conditions astonishing
differences become apparent uniquely related to their topology. Fur-
thermore, entangled rings show in equilibrium as well as when sheared
marked differences compared to their linear counter part. However,
the semi-dilute regime of pure ring polymer solutions and topological
mixtures of rings and chains have been sparsely investigated so far.
To resolve this, we simulate pure linear and ring polymer solutions
and their mixtures around the overlap concentration at rest and under
Hagen-Poiseuille flow. To correctly take into account hydrodynamic in-
teractions, we employ the multi-particle collision algorithm. Mixtures
of chains and rings show a distinct cross stream migration behavior
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at any investigated concentration, offering a promising route towards
novel separation techniques. In particular, we observed a pronounced
propensity of the rings to focus at the channel center while the chains
populate the region close to the confining walls.

CPP 30.9 Wed 12:00 H14

Ring polymers in confined geometries with mixed bound-

ary conditions — eZorvyana Usarenko!, PiorrR KuTerBa2, and
Joanna HaLun® — lInstitute of Physics, Cracow University of Tech-
nology, Cracow 30-084, Poland — 2Jagiellonian University, Cracow

30-348, Poland — 3Institute of Nuclear Physics PAN, Cracow 31-342,
Poland

Investigation of a dilute solution of phantom ideal ring polymers and
ring polymers with excluded volume interactions in a good solvent
confined in a slit geometry of two parallel walls with mixed boundary
conditions which corresponds to the case of one repulsive and the other
one inert wall is performed. Besides, taking into account the Derjaguin
approximation the investigation of a dilute solution of ring polymers
confined in a solution of mesoscopic colloidal particles of big size with
different radii and different adsorbing or repelling properties in re-
spect for polymers is performed. The calculation of the dimensionless
depletion interaction potentials, the depletion forces and the monomer
density profiles were performed in the framework of the massive field
theory approach at fixed space dimension d<4 up to one loop order.
The density-force relation in the case of phantom ideal ring polymer
chains is analyzed and the respective universal amplitude ratio is cal-
culated. The obtained results indicate the interesting and nontrivial
behaviour of ring polymers in confined geometries and give possibility
better to understand the complexity of physical effects arising from
confinement and chain topology, especially in the case of interaction
of X\ bacteriophages with E.coli bacteria cells.

CPP 30.10 Wed 12:15 H14
Multi-scale simulations of polymeric nanoparticle fabrication
through rapid solvent exchange — eARASH NIKOUBASHMAN!,
NAaNNAN Li?, and ATHANASSIOS PAaNacioToPouLos? — !Institut fiir
Physik, Johannes Gutenberg Universitdt Mainz, Mainz, Deutschland
— 2Department of Chemical and Biological Engineering, Princeton
University, Princeton, USA

Tailored nanoparticles are increasingly sought after for many scien-
tific and technological applications, such as optoelectronic devices and
selective catalysts. However, both research and commercialization of
these materials has been impeded by the lack of suitable fabrication
techniques. One promising approach for overcoming this hurdle is flash
nanoprecipitation, where (soft) nanoparticles are assembled through
rapid micromixing of polymers in solution with a miscible poor sol-
vent. This continuous process allows for high yields as well as precise
control over particle size and morphology. We employed multiscale
simulations of this process to understand its underlying mechanisms
and to efficiently explore parameter space. We first performed ex-
plicit solvent molecular dynamics (MD) simulations of a bead-spring
polymer model to study the microscopic properties of the fabrication
process. Then, we fed the MD data into a kinetic Monte Carlo algo-
rithm to reach macroscopic length- and timescales. We discovered that
the nanoparticle size can be reliably tuned through the initial polymer
concentration and the mixing rate. Further, we were able to fabri-
cate a wide variety of structured colloids, such as Janus and core-shell
particles, when polymer blends were used in the feed stream.

CPP 30.11 Wed 12:30 H14
Molecular Simulation of Thermodynamic Properties with the
Osmotic Equilibrium Approach: Accessing Activities in Com-
plex Concentrated Liquid Phases — eMicHAEL BLEY!'2, Mac-
ALl DuvaiL!, PHiLipPE GuILBAUD?, and JEAN-FRANGOIS DUFRECHE!
— MICSM, CEA, CNRS, ENSCM, Univ Montpellier, BP 17171, F-
30207 Bagnols-sur-Céze, France — 2Applied Theoretical Physics-
Computational Physics, Physikalisches Institut, Albert-Ludwigs-
Universitat Freiburg, Hermann-Herder Str. 3, D-79104 Freiburg, Ger-
many — 3Nuclear Energy Division, Research Department on Mining
and Fuel Recycling Processes (SPDS/LILA), CEA, BP 17171, F-30207
Bagnols sur Ceze, France

Thermodynamic properties such as activities of complex concentrated
liquid phases are a key parameter for describing chemical equilibria by
means of mass action law. The mass action law and the corresponding
equilibrium constant provide a measure for the direction of any chemi-
cal equilibrium. The osmotic equilibrium approach has been developed
for accessing activities for a huge bandwidth of complex liquid systems.
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Starting from Molecular Dynamics (MD) simulations of vapor-liquid
interfaces using explicit polarization provides a direct access to the
activity by comparing the mean amount of evaporated molecules of
a given species in the vapor phase for a mixture and for the pure

species, respectively. Obtained structures and thermodynamic prop-
erties showed a very good agreement with previous experimental and
theoretical studies on various aqueous electrolyte solutions and organic
solvent phases up to high solute concentrations.

CPP 31: Organic Electronics and Photovoltaics Il - Non-Fullerene Organic Solar Cells

Time: Wednesday 9:30-11:00

CPP 31.1 Wed 9:30 HI18
Loss Processes in Non-fullerene Acceptor Bulk Heterojunc-
tion Solar Cells — oFREDERIC LaQual — King Abdullah University
of Science and Technology, KAUST Solar Center, Thuwal, Saudi Ara-
bia
Organic solar cells that use non-fullerene acceptors (NFA) are now out-
performing their fullerene-based counterparts with efficiencies exceed-
ing 14%. While the photophysics of fullerene-based systems have been
studied quite intensively, the complex interplay between structure,
morphology, photophysics, and efficiency of non-fullerene acceptor de-
vices remains less well understood; yet, understanding the structure-
property relations is an important prerequisite for a guided material
design and further efficiency enhancements. In this contribution, I
will discuss what currently limits the quantum efficiency in blends of
common donor polymers and novel non-fullerene acceptors. By using
steady-state and transient spectroscopy techniques and advanced data
analysis tools, we are able to distinguish the spectral contributions and
dynamics of singlet excitons, charge carriers, and triplet states and to
quantify their concentration across a wide dynamic range relevant to
the solar cell performance. Furthermore, we investigate how the CT-
state energy, radiative, and non-radiative losses in non-fullerene accep-
tor blends influence the open-circuit voltage and we address the origin
of low fill factors sometimes observed in NFA systems. This allows us
to develop a precise picture of the efficiency-limiting processes in solar
cells that use novel non-fullerene acceptors.

CPP 31.2 Wed 9:45 HI18
Analysing geminate and non-geminate losses in high perfor-
mance non-fullerene blends — eLorENA PERDIGON-ToORO!, Huo-
TIAN ZHANGZ, SAFA SHOAEE!, FENG Gao2, and DIETER NEHER!
IUniversity of Potsdam, Institute of Physics and Astronomy, Germany
— 2Linképing University, Department of Physics, Chemistry and Bi-
ology (IFM), Sweden

Organic solar cells consist of blends of two or more semiconductors with
different electronic structures, namely organic electron donors and ac-
ceptors. Recently, interest has increased towards non-fullerenes (NF)
as the small-molecule acceptor. Organic cells benefit from the NF long
wavelength absorption, which provides the blend with a broader cover-
age of the sun spectrum and thus, higher short-circuit currents. More-
over, devices containing NFs show high open-circuit voltages meaning
that charge separation occurs efficiently even with small driving forces.
In this work we study charge generation and recombination in a set of
NF devices with efficiencies up to 13%. While all blends exhibit similar
low voltage losses, the fill factors (FF) of the solar cells differ greatly,
pointing to significant differences in geminate and/or non-geminate re-
combination. Time delayed collection field (TDCF) and bias assisted
charge extraction (BACE) were used to disentangle these processes. In-
deed, the devices with lower FF suffer from field-dependence of charge
generation and faster bimolecular recombination. Altogether, the ob-
tained recombination coeflicients together with SCLC-measured mobil-
ities allow reconstructing the FF, clearly pointing to these parameters
as those to address for higher overall performance.

CPP 31.3 Wed 10:00 HI18
Triplet Excitons in Non-Fullerene Acceptor-Polymer Blends
and Organic Solar Cells? — eMaRriA KoTovAa, JOHANNES JUNKER,
ANDREAS BauMANN, KRISTOFER TVINGSTEDT, ANDREAS SPERLICH,
and ViLADIMIR Dyakonov — Experimental Physics VI, Julius Maxi-
milian University of Wiirzburg, 97074 Wiirzburg

In the past, most organic solar cells (OSCs) employed fullerenes as elec-
tron acceptors. Recently, the synthesis of novel non-fullerene accep-
tors (NFA) resulted in significantly higher power conversion efficiencies
(PCE) of over 13%. It has been shown, that in fullerene-based OSCs
the formation of triplet excitons (TE) opens an additional recombina-
tion pathway. In this work, the formation of TEs in NFA-based OSCs
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is investigated. We studied optical, electrical and spin properties of
the polymer donor PBDB-T and the NFA acceptor ITIC in pristine
films, in blend films and OSCs based on the blend. OSCs show a PCE
of 9.8% and external quantum yield of up to 73%. Low temperature
spin-sensitive photoluminescence measurements reveal the formation
of highly localized TEs in pristine films of the donor (D) and acceptor
(A), as well as in the blend films. This can occur either via inter-
system crossing (ISC) or electron back transfer (EBT). ISC is likely
for low mobility singlet excitons that cannot reach D-A interfaces and
cannot dissociate into CT states. The EBT forms TE from the CT
states. However, no TE signal was observed in solar cells under work-
ing conditions, thus no significant ISC or EBT occurs and the triplet
formation loss channel is not very efficient. The lack of TEs matches
well with the high PCE of NFA-based OSCs and their stability.

CPP 31.4 Wed 10:15 HI18

Fullerene-free bulk heterojunction blends for photovoltaic

applications - a morphological study — eSEBasTIAN GROTT!,
LoreNz BiessMann!, NiTin Saxenal, Wer Caol, Sicrip
BERNSTORFF2, and PETER MULLER-BuscuBaum! — 1TU Miinchen,

Physik-Department, LS funktionelle Materialien, 85748 Garching —
2Elettra-Sincrotrone Trieste, 34149 Basovizza, Italy

In the last decades, organic electronics have been in the focus of re-
search due to their advantageous properties, such as versatility, flex-
ibility, low-cost manufacturing processes, like roll-to-roll printing or
spray casting, and the tunable characteristics. These properties open
up a wide range of applications and represent a promising alternative
for the conventional inorganic photovoltaics. Even though the power
conversion efficiency is lower than the ones of conventional devices, val-
ues of over 11% have been reported. Thereby, systems using low-band
gap polymers and non-fullerene small molecules have received increas-
ing attention. We study the inner morphology of such a bulk hetero-
junction blend, namely PBDB-T and ITIC of different compositions
with grazing-incidence small-angle X-ray scattering (GISAXS). The
obtained structural information are correlated with current density-
voltage characteristics and the absorbance of the active layer in order
to improve the efficiency.

CPP 31.5 Wed 10:30 HI18
Long term UV stable organic solar cells by utilizing a stable
donor-acceptor-additive combination — eTHoMAs HEUMULLER,
ANDREJ CrasseN, YAKUN HEg, Lukas EINSIEDLER, JOHANNES
GERNER, NING L1, and CHRrRIsSTOPH BRABEC — Friedrich-Alexander-
Universitdt Erlangen-Niirnberg

With the advent of non-fullerene acceptors (NFA), current state of the
art organic solar cells (OSC) reach efficiencies around 14 % and an
efficiency of 10 % is surpassed for plenty of systems. However, little
is known about the stability and lifetime of current NFA based OSCs.
Here we present a detailed degradation analysis of OSCs based on a
polymer (PBQ-QF) which exhibits a good performance when blended
with two different NFAs (ITIC and o-IDTBR) as well as PCT0BM.
In order to separate effects from several different degradation mech-
anisms that usually occur at the same time, we perform tests under
controlled environmental conditions to avoid photo-oxidation and we
focus on the degradation in dependence of UV light. Under full AM
1.5G light spectrum (1000 h continuous illumination) we observe an in-
tense degradation of PBQ-QF:PC70BM while PBQ-QF:ITIC exhibits
a moderate stability and PBQ-QF:0o-IDTBR is highly stable. Interest-
ingly we find, that the strong degradation of PBQ-QF:PC70BM can be
lifted when UV cut-off filters are applied. The in-depth analysis reveals
that the UV instability originates from a UV instability of PC70BM
towards the processing additive 1,8 diiodooctane.

CPP 31.6 Wed 10:45 HI18

Enthalpy of Charge Transfer Energetics for Organic Photo-
voltaics based on anthracene-containing PPE-PPVs and ITIC
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— SHAHIDUL Aramb2, CHRIsTIAN FRIEBE}'2, JOHANNES AHNERZ,

MaRrTIN Hacer!2, DANIEL A. M. EcBe®, ToMmas Vary?, VoiTECH
NAipazpy?, ULricH S. ScHUBERT!2, and HaraLD Hoppe!:2 — 1FSU
Jena, Germany — 2IOMC, Jena, Germany — 3JKU, Linz, Austria —
4SUT, Bratislava, Slovak Republic

Lately, NFAs have received increasing attention for use in polymer-
based bulk-heterojunction OPVs, as they have demonstrated improved
PV performances over classical polymer-fullerene blends. Part of the
success of these materials has to be attributed to a considerable contri-
bution to the overall absorption of the solar cells, thanks to relatively
low bandgaps in these materials. In this study a systematic compar-

ison between two acceptor materials, the classical fullerene-derivative
PCBM and the NFA ITIC was performed in combination with AnE-
PVstat. The photo-induced charge transfer occurring at the D-A inter-
face within an organic semiconductor (bulk) heterojunction is consid-
ered to be driven by the energy level offset between the corresponding
LUMO of the same. Commonly, these energy offsets between LUMO
levels of D-A are taken from CV characterization of organic semicon-
ductors in film or solution. While the such derived energy levels seem
to suggest successful charge transfer from the polymer to the ITIC,
blend films and PV studies show the opposite. Literature, various
spectroscopic, morphological and structural characterization methods
have been used for finding an explanation.

CPP 32: Charged Soft Matter, Polyelectrolytes and lonic Liquids |

Time: Wednesday 9:30-13:00

CPP 32.1 Wed 9:30 HI13
Polyelectrolyte Multilayers from Binary Mixtures of Polyan-
ions: Different Composition in Film and Solution
® ANNEKATRIN SILL, ANTONIA WELTMEYER, PETER NESTLER, AMIR
AzINFAR, MALTE PAssvoGEL, and CHRISTIANE A. HELM — Univer-
sitdt Greifswald, Institut fiir Physik, Felix-Hausdorff-Str. 6, 17489
Greifswald

Polyelectrolyte multilayers were prepared from polyanion PSS and
polycation PDADMA in 0.1 M NaCl. PSS consisted of binary mix-
tures of heavy deuterated PSSd (Mw(PSSd) = 80.8 kDa) and light
protonated PSS (Mw(PSS) = 10.6 kDa). With neutron reflectivity, it
was found that the film contained a larger mole fraction PSSd than the
deposition solution. If the mole fraction $PSSd(80.8 kDa) in the de-
position solution exceeded 5 %, the multilayer consisted only of heavy
PSSd. The time-resolved adsorption was studied with in-situ ellipsom-
etry. Each polycation deposition step was followed by partial desorp-
tion of the top layer which is attributed to desorption of PDADMA
complexed by light PSS molecules. These studies show that the poly-
mer composition in the adsorption solution and in the adsorbed mul-
tilayer may differ.

CPP 32.2 Wed 9:45 HI13
Adsorption Behaviour of oppositely charged Polyelec-
trolyte/Surfactant Mixtures: Influence of Salt — eLARIssa
Braun and REGINE voN KriTzING — Department of Physics, TU
Darmstadt, Darmstadt, Germany

The surface properties of oppositely charged polyelectrolyte/surfactant
mixtures play an important role in colloidal dispersions (foams, emul-
sions) e.g. for cosmetics, cleaning products and in food technology.
The present study addresses the influence of the ionic strength on
the surface tension of polyanions (NaPSS or sPSO2-220) mixed with
cationic C14TAB. Depending on the counterion of the polyanion LiBr
or NaBr is used.

In case of NaPSS NaBr reduces the surface tension over the whole
studied polyelectrolyte concentration range (10°° * 103 monoM) and
broadens the increase of surface tension at the bulk stoichiometric mix-
ing point (BSMP) of polyelectrolyte and surfactant. In contrast, LiBr
reduces the surface tension of sPSO2-220 only above the BSMP.

These finding will be correlated the surface excesses and surface
structure of the polyelectrolyte/surfactant mixtures obtained by neu-
tron reflectometry measurements.

CPP 32.3 Wed 10:00 H13
Inter- and Intramolecular Interactions in a Highly Conduc-
tive Polymeric Ionic Liquid — e ARTHUR MARKUS ANTON, FALK
FreEnzEL, and FriEDRICH KREMER — Peter Debye Institute for Soft
Matter Physics

Polymeric ionic liquids (PILs) combine the advantages of neat ionic
liquids with the mechanical benefits of polymers, which gives rise to
the importance of those materials in supercapacitors, battery media,
or gas separator membranes. Even though extensive research has been
conducted driven by interest on the devices’ macroscopic performance,
knowledge about molecular interactions is still not complete. Recently,
it has been reported from a novel PIL which exhibits one of the highest
values of DC-conductivity at temperatures below 100°C and — contrary
to the common dogma — conductivity that does not decrease with ris-
ing degree of polymerization [F. Frenzel, R. Gutermann, A. M. Anton,
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J. Yuan, F. Kremer; Macromolecules, 50, (2017), 4022 — 4029].

In order to characterize this material further a set of experiments
adapted to study inter- as well as intra-molecular interactions is ex-
amined. Temperature-dependent FTIR spectroscopy reveals exten-
sive hydrogen bonding of particular moieties, whereas other parts are
effectively screened. Temperature- and frequency-dependent broad-
band dielectric spectroscopy (BDS) confirms reduced charge transport
(26% reduction) in correlation with hydrogen bonding arising from
hindered mobility. Moreover, in comparison to hydrogen bonding the
influence of temperature-activated molecular mobility on the conduc-
tivity is considerably stronger (= 3 orders of magnitude).

CPP 32.4 Wed 10:15 H13
Competing interactions and the formation of dynamic protein
clusters — eANITA GIRELLI!, MicHaL K. BRAUN!, ALESSANDRO
MarianiNi?, Fajun Zuanc!, and FRANK ScHREIBER! — 1 Universitit
Tiibingen, Germany — 2ESRF Grenoble, France

Controlling of cluster formation is of high relevance in biology,
biomedicine and pharmacy. In this study solutions of bovine serum
albumin with LaCl3 were studied using small angle x-ray scattering
(SAXS) and dynamic light scattering (DLS) to characterize the static
and dynamic properties of protein clusters. The system has a reentrant
phase behavior [1], before the system enters the condensation regime
the presence of long range repulsion and short range attraction leads
to the cluster formation [2]. DLS and SAXS data suggest the forma-
tion of clusters for a ratio of salt and protein concentration cs/cp > 3,
supported also by neutron backscattering experiments [3]. The SAXS
data for samples with a series of concentrations were fitted with a law
ge = ag®, where ¢ is the volume fraction and g. the position of the
correlation peak present in the structure factor. The parameter b was
found to have a value larger than 1/3. Based on geometrical consider-
ation this suggest that the number of clusters decreases for increasing
protein concentration. This could be attributed to an entropic effect
or to an increase of ionic strength.

[1] Zhang et al., Phys. Rev. Lett., 101, 148101, 2008

[2] D. Soraruf et al., Soft Matter, 10, 894, 2014

[3] Grimaldo et al., J. Phys. Chem. Lett., 6, 2577, 2015

CPP 32.5 Wed 10:30 H13
Phase separation kinetics in protein-salt mixtures with com-
positionally tuned interactions — eOLcA MATSARSKAIAL, STE-
rFANO DA VELA!, ALESSANDRO MARIANI?, ZHENDONG Fu3, Fajun
Zuanc!, and FRANK ScHREIBER! — ! Universitéit Tiibingen, Germany
— 2ESRF, Grenoble, France — 3JCNS@MLZ, Garching, Germany

Liquid-liquid phase separation (LLPS) in protein systems is relevant
for phenomena such as protein condensation diseases, subcellular or-
ganisation or protein crystallisation. Understanding and controlling
LLPS in proteins is therefore crucial for a number of research areas.
Bovine serum albumin (BSA) has been shown to have a lower critical
solution temperature-LLPS (LCST-LLPS) induceable by multivalent
salts. Importantly, the nature of the employed multivalent cations in-
fluences this LCST-LLPS. Here, we present a systematic ultra-small
angle X-ray scattering (USAXS) investigation of the kinetics of LCST-
LLPS of BSA in the presence of different ratios of HoCls and LaCls,
resulting in different effective overall attraction strengths. We monitor
the characteristic length scales £(t, Tf;y,) after inducing LLPS by sub-
jecting the respective systems to temperature jumps into their liquid-
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liquid coexistence regions. With increasing interprotein attraction and
increasing T't;,, we observe an increasing deviation from the growth
law of &€ ~ ¢1/3 and an increased trend towards arrest despite the fact
that all the cations employed are nominally trivalent. We thus establish
a method for fine-tuning phase transitions in our systems with several
control parameters. Our findings help shed light on general aspects of
protein LLPS and its tunability.

CPP 32.6 Wed 10:45 HI13
Competition among metal cations for RNA binding: Results
beyond Poisson-Boltzmann theory — eSErGI0 CRUzZ-LEON and
NADINE ScHWIERZ — Department of Theoretical Biophysics, Max
Planck Institute of Biophysics, Max-von-Laue-Str. 3, 60438 Frankfurt,
Germany.

The negative charge of RNA in solution alters the local ionic envi-
ronment. An accurate modeling of the ionic atmosphere is therefore
essential to correctly describe RNA stability, folding or association. In
this work, we combine the result from all-atom molecular dynamics
simulations with Poisson-Boltzmann theory. Our modeling allows us
to capture the microscopic cation-RNA interactions, and to directly
compare to ion counting (IC) experiments. For monovalent cations,
the experimental competition constants are reproduced without fur-
ther adjustments. For divalent metal cations, our results indicate that
the current atomistic force field for Mg2+ ions overtimes the binding
affinity. After optimization the Mg2+ force field based on experimental
binding affinity, the experimental IC results can be reproduced without
any fitting parameters. Therefore, combining molecular dynamics sim-
ulation with optimized ionic force fields and Poisson-Boltzmann theory
allows us to gain microscopic insight into the ionic atmosphere and re-
produce IC experiments with higher accuracy compared to previous
theoretical models.

CPP 32.7 Wed 11:00 H13
Kinetic Pathways of Water Exchange in the First Hydration
Shell of Mlagnesium — eNADINE SCHWIERZ — Max Planck Institute
of Biophysics
Water exchange between coordination shells of metal cations in aque-
ous solutions is fundamental in understanding the reactivity of the ions
and their binding kinetics. Simulating water exchange with atomistic
resolution is challenging due to the broad range of timescales involved
ranging from picoseconds to milliseconds. Here, we apply a combina-
tion of transition path sampling and Umbrella sampling to accurately
determine the exchange rates and to gain atomistic insight into the
molecular pathways of water exchange. Using a recently developed
atomistic model for Magnesium, water molecules remain in the first
hydration shell for 10 ms on average, a time considerably longer com-
pared to the 0.1 ms predicted by transition state theory using a single
ion-water distance as order parameter. The discrepancy between these
time scales arises from neglected degrees of freedom of other solvent
molecules which play a decisive role in the reaction mechanism of water
exchange.

15 min. break

CPP 32.8 Wed 11:30 H13
Specific ion effects for polyelectrolytes in aqueous and non-
aqueous media: the importance of the ion solvation behavior
— ANAND NARAYANAN KRisHNAMOORTHY!, CHRIsTIAN HoLm!, and
eJENs SmiaTEKD2 — lInstitute for Computational Physics, Univer-
sity of Stuttgart, Germany — 2Helmholtz-Institute Miinster: Ionics in
Energy Storage (HIMS - IEK 12), Forschungszentrum Jiilich, Germany

We present the results of atomistic molecular dynamics simula-
tions regarding specific ion effects in water, methanol and N,N-
dimethylacetamide (DMAc). As reference system, we introduce rigid
and rod-like models of polyanions and polycations in combination with
alkali metal cations and halide anions as counterions. Pronounced spe-
cific ion effects can be observed in terms of the individual anion and
cation condensation behavior. The outcomes of our simulations thus
reveal significant differences to standard electrostatic mean-field the-
ories. A detailed investigation of the individual energy contributions
shows that ion-dipole interactions play a pivotal role in order to ra-
tionalize the findings. The corresponding deviations in terms of the
cation and anion distribution can be brought into agreement with the
donor and acceptor numbers of the solvents, which thus highlight the
importance of solvent-ion interactions in addition to electrostatic at-
traction.
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CPP 32,9 Wed 11:45 HI13

A combined computational and experimental study on
the microscopic structures in aqueous ionic liquids near
solid/liquid and air/liquid interfaces — eTakErsHI KoBayasHI!,
ANDRE KEMNAZ, BJORN BrRAUNSCHWEIG?, MARIA FyTal, and JENs
SmiaTex 3 — lInstitute for Computational Physics, University of
Stuttgart, Germany — 2Institute of Physical Chemistry and Center
for Soft Nanoscience, Westfialische Wilhelms-Universitat Miinster, Cor-
rensstrafe 28/30, 48149 Miinster, Germany — 3Helmholtz-Institute
Miinster: Ionics in Energy Storage (HIMS - IEK 12), Forschungszen-
trum Jiilich, Corrensstrafe 46, 48149 Miinster, Germany

Even small amounts of water molecules may limit the use of common
hygroscopic ionic liquids (ILs) as electrolyte solutions in electrochemi-
cal cells. Similar concentration-dependent effects can also be observed
at uncharged interfaces in other solvent-IL mixtures. Here, we study
the microscopic structures near uncharged interfaces using Molecular
Dynamics simulations varying the water concentrations in dialkylim-
idazolium based ILs. A comparison between the different cation and
anion species highlights a crucial relation among molecular size, shape,
and the preferential binding of water to the ions. The presence of water
affects the local ordering of the cation species near the interface. Vi-
brational sum-frequency generation (SFG) experiments are performed
to study the molecular structure at the air/IL interface and can verify
the results from our simulations. [1] M. Jitvisate, J. R. T. Seddon,
J. Phys. Chem. C 121, 18593 (2017), [2] T. Kobayashi, et al., Phys.
Chem. Chem. Phys. 19, 18924 (2017)

CPP 32.10 Wed 12:00 H13
Room-temperature ionic liquids at metallic interfaces—A
study of polarisation effects — eSAMUEL NTiM and MARIALORE
SuLpizi — Johannes Gutenberg Universitdt, Mainz, Germany

Room-temperature ionic liquids (RTILs) are salts, liquid at room tem-
perature because of their low melting points. They have peculiar prop-
erties in confined geometries and studies of such properties have be-
come essential for many fields like energy storage, catalysis and tribol-
ogy.

Due to the high electrostatic coupling between ions in the absence of
a solvent, some of these peculiarities, particularly in the case of metallic
confinement of RTILs, have been thought to be effects of polarisation
from the confining metal.

Using classical atomistic molecular dynamics simulations,
have examined the role of polarisation effects at the interface of
[BMIM]|[BF4] confined in gold plates. Our results provide evidence
of negligible effect of polarisation on the structural, thermodynamic
and dynamical properties of the RTIL.

we

CPP 32.11 Wed 12:15 H13
Lithium Ion Transport in Concentrated and Functionalized
Ionic Liquids — A Molecular Dynamics Study — MICHAEL
HarpT!, ANDREAS HEUER!2, and eDippo DippENs? — !Institut
fiir physikalische Chemie, Westfialische Wilhelms-Universitat Miinster,
CorrensstraRe 28/30, 48149 Miinster — 2Helmholtz-Institut Miinster
(IEK-12), Ionics in Energy Storage, Forschungszentrum Jiilich GmbH,
Corrensstrafse 46, 48149 Miinster

Tonic liquids (ILs) are promising electrolyte materials for batteries or
supercapacitors. However, with the advent of high-voltage lithium ion
cells, the electrochemical stability of the electrolyte is of paramount
importance. Experimental strategies to enhance the electrochemical
stability are the use of high lithium salt concentrations — resulting in
large aggregates and thus fewer isolated molecules that are more eas-
ily decomposed — and of novel functionalized anions with delocalized
charges. Furthermore, these anions tend to be asymmetric to prevent
crystallization at high salt concentrations, resulting in unique solva-
tion properties. Here, we employ Molecular Dynamics simulations to
investigate the local ion coordination and ion transport properties,
with special emphasis on the interplay between coordination structure
and dynamical ion correlations.

CPP 32.12 Wed 12:30 HI13
Molecular Dynamics Simulations of Lithium Ion Transport
in Block-Copolymer Electrolytes — Len Kivms!, ANDREAs
Heuer!2, and eDippo Dippens? — lInstitut fiir physikalische
Chemie, Westfilische Wilhelms-Universitdt Miinster, Corrensstrafie
28/30, 48149 Miinster — 2Helmholtz-Institut Miinster (IEK-12),
Forschungszentrum Jiilich GmbH, Corrensstrafie 46, 48149 Miinster

Solid polymer electrolytes (SPEs) consist of a salt dissolved in an amor-
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phous polymer melt, which typically exhibit improved safety as com-
pared to liquid electrolytes. While the archetypal SPE is based on
poly(ethylene oxide) (PEO), the use of mechanically more rigid poly-
mers becomes necessary for lithium metal batteries that are considered
to be a key technology for electric vehicles. Although a mechanically
rigid polymer suppresses the growth of lithium dendrites (which in
turn pose safety issues), this comes at the expense of a dramatic slow-
down of the segmental mobility, and consequently also of the lithium
ion dynamics. As a remedy, block copolymers that combine mechani-
cally stable domains with ionically conducting PEO domains have been
employed. In this contribution, we employ Molecular Dynamics simu-
lations to unravel the microscopic ion transport within the conductive
domains of the polymer host, and compare the results to simulations
of classical PEO-based SPEs [1-3].

[1] D. Diddens, A. Heuer, ACS Macro Lett., 2013, 2(4), 322-326

[2] D. Diddens, A. Heuer, J. Phys. Chem. B, 2014, 118(4), 1113-1125
[3] D. Diddens, E. Paillard, A. Heuer, J. Electrochem. Soc., 2017,
164(11), E3225-E3231

CPP 32.13 Wed 12:45 HI13
Local and long-range dynamics of ionic liquids: A 'H and
YF NMR-study — eELISA STEINRUCKEN, MANUEL BECHER, and
MicHAEL VoGEL — TU Darmstadt, Institut fiir Festkorperphysik,

Hochschulstr. 6, 64289, Darmstadt, Germany

Room Temperature Ionic Liquids (RTIL) are salts with a low melting
point and vapour pressure. They are usually glass forming systems
with complex and heterogeneous molecular dynamics. The combina-
tion of different cations and anions opens wide ranges of chemical and
physical applications and their optimization. Hence, a fundamental
understanding of molecular dynamics is of crucial importance. Here,
imidazolium-based RTILs with a [Tf2N]~ anion are in the experimen-
tal focus, with a variation of the alkyl chain length at the cation
to increase structural heterogeneities. Nuclear Magnetic Resonance
(NMR) provides access to glassy dynamics in wide ranges of time and
length scales. Due to its isotope selectivity the dynamical behaviour
of different molecules/molecular groups can be separated. In a static
field gradient, we measure the self-diffusion coefficient of the cation
(H) and anion (1°F). Field-Cycling relaxometry provides frequency-
dependent relaxation times Ti(w). The structural relaxation can be
identified using support from concomitant molecular dynamics simula-
tions. The resulting rotational correlation times are in good agreement
with the findings of dynamic light scattering. Comparing long-range
self-diffusion with short-range structural relaxation, we analyse cation-
anion couplings, in contrast to literature no decoupling due to struc-
tural changes is observed.

CPP 33: Active Matter | (joint session BP/CPP /DY)

Time: Wednesday 9:30-13:00

CPP 33.1 Wed 9:30 HA4
Self-assembled active systems - from individuals to a collec-
tive behaviour — eAiTor MARTIN-GOMEZ, GERHARD (GOMPPER,
and RoLaND G. WINKLER — Forschungszentrum Juelich (ICS-2),
Juelich, Germany

Active matter is comprised of agents which either convert internal
energy or exploit energy from the environment to generate directed
motion. Its associated out-of-equilibrium character is the origin of a
number of fascinating phenomena. In particular, active systems with
many internal degrees of freedom like filamentous, polymer-like struc-
tures are involved in various biological processes and exhibit novel
conformational and dynamical properties. Moreover, the study of col-
lective behavior emerging from the non-linear contributions of many
individuals is an ongoing, open question. In conclusion, to shed light
onto the effect of such active systems, or their passive counterparts em-
bedded in an active environment, we perform analytical calculations
combined to advanced computer simulations.

CPP 33.2 Wed 9:45 H4
Light-dependent microbial motility induces pattern forma-
tion in confinement — e ALEXANDROS FrRaGKOPOULOsS!, JOHANNES

FrEY!, FLora-Maup LE MEeNN!, JEREMY VacHIER!, MICHAEL

WiLczex!, Marco Mazzal:2, and OLiver BAumcuen! — 1Max
Planck Institute for Dynamics and Self-Organization, D-37077 Got-
tingen, Germany — 2Loughborough University, Loughborough LE11

3TU, United Kingdom

A collection of active swimmers can undergo complex dynamics due
to hydrodynamic and steric interactions. For sufficiently concentrated
suspensions, it is possible to form large-scale concentration patterns,
where the active suspension separates into regions of high and low
particle concentrations. Here we present that a collection of Chlamy-
domonas reinhardtii cells, a unicellular soil-dwelling microalgae and a
model organism of puller-type microswimmers, form patterns of high
and low cell density regions in confinement and under specific light con-
ditions. We find that the motility of the cells differs significantly for
different light intensities and cell densities, which regulate the pattern
formation in such active suspensions. In addition, we observe that the
emerged pattern follows the shape of the confinement that encloses the
motile cells, which indicates that the boundaries enclosing the motile
cells play a crucial role for pattern formation. Finally, by perform-
ing active Brownian dynamics simulations of active particles with the
observed motility characteristics, we show that we can reproduce the
experimentally observed patterns.

CPP 33.3 Wed 10:00 H4

Active Matter Invasion into Capillaries — eFrLIx KEMPF!,

RoMAIN MUELLER?, ErwIN FrEY!, JuiLA YEomans?, and AwmIN
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DoostMonaMMADI? — 1Arnold Sommerfeld Center for Theoreti-
cal Physics and Center for NanoScience, Department of Physics,
Ludwig-Maximilians-Universitat Miinchen - Theresienstr. 37, D-80333
Miinchen, Germany — 2The Rudolf Peierls Centre for Theoretical
Physics - Clarendon Laboratory, Parks Road, Oxford, OX1 3PU, UK

Biological active materials such as bacterial biofilms and eukaryotic
cells thrive in confined microspaces. Here, we numerically show that
combining growth dynamics with their intrinsic activity active mate-
rial can use confinement as a mechanical guidance to achieve distinct
modes of collective invasion. We assess the dynamics of the growing
interface and classify these collective modes of invasion based on the
activity of the active substance. While at small and moderate activ-
ities the active material grows as a coherent unit, we find blobs of
active materials collectively detaching from the cohort above an ac-
tivity threshold in a process reminiscent of the intravasation in cancer
cells. We further characterise the mechanical mechanisms of transition
between different modes of invasion.

CPP 33.4 Wed 10:15 H4
Collective Responses of Magnetic Swimmers in a Poiseuille
Flow — eFanrLong MEenc!2, Daki MaTsunaca?, and Ramin
GoresTaNiaAND2 — 1Max Planck Institute for Dynamics and Self-
Organization (MPIDS), 37077 Goettingen, Germany — 2Rudolf
Peierls Centre for Theoretical Physics, University of Oxford, Oxford
OX1 3PU, United Kingdom

Magnetotactic bacteria can be focused at the radial centre of a mi-
crofluidic channel under an external magnetic field, and found to form
clusters if the external magnetic field is strong or the flow speed is
large [1]. However, the underlying mechanism was missing. We show
that the magnetic microswimmers (not only for magnetotactic bac-
teria, but also applicable to synthetic magnetic microswimmers) can
form interesting large-scale clusters when the magnetic attractive in-
teraction dominates thermal fluctuations. By applying analytic tech-
niques and conducting Brownian dynamics simulation, we provide the
critical conditions for clustering of magnetic microswimmers, which
matches well with the experiment. Hydrodynamic interactions be-
tween the microswimmers are also incorporated as a generalisation.
Understanding the physics of magnetic active matter will help advance
the cause of studying matter out of equilibrium, and provides new in-
sight for technological applications of synthetic magnetic microrobots
(for drug delivery, solution stirring, etc.) with desired collective prop-
erties. References: [1] N. Waisbord, C. T. Lefévre, L. Bocquet, C.
Ybert, C. Cottin-Bizonne, Phys. Rev. Fluids, (2016) 1, 053203 [2] F.
Meng, D. Matsunaga, R. Golestanian, Phys. Rev. Lett., (2018) 120,
188101

CPP 33.5 Wed 10:30 H4



Regensburg 2019 — CPP

Wednesday

Hydrodynamic simulations of flagellated bacteria in polymer
solutions and polymer networks — e ANDREAS ZOTTL and JuLIA
M YEreomans — University of Oxford, UK

Many cells in the human body have to move through dense complex
fluids such as various cells in the extracellular matrix or bacteria in
mucus. While the motion of swimming bacteria in simple Newtonian
fluids can be well quantified using continuum low Reynolds number hy-
drodynamics, the presence of supramolecular elements such as biopoly-
mers leads to a much more complex behavior. Although the presence of
polymers generally lowers particle mobility, surprisingly, several exper-
iments have shown that bacterial speeds increase in polymeric fluids,
but there is no clear understanding why.

We perform extensive coarse-grained MPCD simulations of a bac-
terium swimming in explicitly modeled solutions of supramolecular
model polymers of different lengths, stiffness and densities. We ob-
serve an increase of up to 60% in swimming speed with polymer den-
sity and show that this is a consequence of a non-uniform distribution
of polymers in the vicinity of the bacterium leading to an effective
slip. However, this alone cannot explain the large speed-up, but cou-
pling to the chirality of the bacterial flagellum is essential. Finally we
present results for swimming in crosslinked polymer networks where
hydrodynamics is screened and speed enhancement is also observed.

CPP 33.6 Wed 10:45 H4
Memory-induced persistent motion — eBERNHARD GEORG MiT-
TERWALLNER, LAURA LavaccHui, and RoLaNnD NETz — Institut fir
theoretisch Physik, Frei Universitdt Berlin, Berlin, Germany

We investigate the mean-square displacement (MSD) for random mo-
tion governed by the generalized Langevin equation for different two-
scale memory-kernel models: In the first model, the memory kernel
consists of a delta peak and a single exponential and in the second
model of the sum of two exponentials. In particular, we investigate
the scenario where the long-time exponential kernel contribution is
negative. The competition between positive and negative friction con-
tributions produces an enhanced transient ballistic regime in the MSD,
which is relevant for biological motility and active matter systems.

15 minutes break.

Invited Talk CPP 33.7 Wed 11:15 H4
Non-equilibrium dynamics in biological matter — eCurisTorHn
F ScuMIiDT — Georg-August-Universitat, Fakultat fiir Physik, Drittes
Physikalisches Institut - Biophysik, Friedrich-Hund-Platz 1, 37077
Gottingen — Duke University, Department of Physics, 2316 French
Family Science Center, 124 Science Drive, Durham, NC 27708, USA

Thermodynamic non-equilibrium is a defining feature of living systems
on all levels of organization. Cells and tissues are built of active matter,
dynamic materials with built-in force generators. Such materials self-
organize in biological systems into well-ordered dynamic steady states,
sustained by the dissipation of metabolic energy. The materials show
striking collective phenomena on a mesoscopic scale. We used light
microscopy to characterize the complex mechanical properties of and
the motion and stress patterns in biological active matter, in particular
the actin cortex, both in reconstituted model systems and in cells. I
will introduce a method to detect and quantitate thermodynamic non-
equilibrium in the dynamics of primary cilia of kidney epithelial cells
using the principle of detailed balance.

CPP 33.8 Wed 11:45 H4
Enhanced rotational diffusion of squirmers in viscoelastic flu-
ids — eKar Qi!, ELMAR WEsTPHAL?, GERHARD GomPPER!, and
RoLAND WINKLER! — ITheoretical Soft Matter and Biophysics, In-
stitute for Advanced Simulation and Institute of Complex Systems,
Forschungszentrum Jiilich, D-52425 Jiilich, Germany — 2Peter Griin-
berg Institute and Jiilich Centre for Neutron Science, Forschungszen-
trum Jiilich, D-52425 Jilich, Germany

Squirmers are generic models for biological microswimmers and syn-
thetic self-propelled particles. Fluid-mediated interactions are essen-
tial for their swimming behavior, which can be strongly affected by the
fluid viscoelasticity. Here, we perform mesoscale hydrodynamic simu-
lations via the multiparticle collision dynamics (MPC) method for a
spherical squirmer in a viscoelastic fluid, which is composed of MPC
fluid particles and polymers. Polymers are either of phantom nature
or self-avoiding. The concentration of monomers on the squirmer sur-
face is enhanced by introducing a short-range attraction between the
squirmer and polymers. This leads to a decrease of the rotational dif-
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fusion for a passive colloid in the presence of polymers. Self-propulsion
reduces the monomer concentration on the surface and the squirmer’s
rotational diffusion is enhanced considerably, up to a factor 20 for
phantom polymers. The actual change of the rotational diffusion D,
depends on the polymer length. An increasing polymer length re-
duces D? of the passive colloid, but D, of the squirmer is enhanced.
Both egfects contribute to the obtained substantial increase of the ratio
D, /D3.

CPP 33.9 Wed 12:00 H4
Modelling coordinated motion in simplest multicellular an-
imals STEPHAN MEscHEDE! and PaweL RoMaNczuk?
IDepartment of Physics, Humboldt Universitit zu Berlin — 2Institute
for Theoretical Biology, Department of Biology, Humboldt Universitat
zu Berlin

Placozoa, Trichoplax adhaerens, are structurally simplest known mul-
ticellular animals. Their bodies are flat and irregular, up to few milime-
ters in diameter and 10 — 15um thick [1]. They consists of three layers,
an upper and a lower epithelium enclosing a fiber cell layer. The Tri-
choplax body plan is completely decentralized without any hierarchical
structure or a central nervous system. However, they are capable of
amoeba-like, coordinated active motion on substrates through ciliary
locomotion. We show that individual Trichoplax motion behavior can
be modeled as a two-dimensional ’sheet’ of active particles coupled
through elastic forces, building upon previous models of cellular mi-
gration model proposed by Szabo et al [2]. We discuss the emergence
of coordinated motion and the role of animal size and elastic coupling
strength for the stochastic motility. Our aim is to understand how the
self-organized active sheet dynamics shapes and constrains the mo-
tion behavior of these simple animals and their ability to navigate the
environment.

[1]: Miller, D. J., & Ball, E. E. (2005). Animal Evolution: The
Enigmatic Phylum Placozoa Revisited. Current Biology, 15(1), 26-28.

[2]: Szabd, B. et al.(2006). Phase transition in the collective mi-
gration of tissue cells: Experiment and model. Phys. Rev. E, 74(6),
1-5.

CPP 33.10 Wed 12:15 H4
Phase space geometry of reaction—diffusion systems
eFrIDTIOF BRAUNS, JAcOB HaALATEK, and ERwWIN FREY — Arnold
Sommerfeld Center for Theoret- ical Physics, Ludwig-Maximilians-
Universitat Miinchen, Germany

Self-organized pattern formation — typically studied in terms of spa-
tially extended dynamical systems — is as ubiquitous in nature as it
is difficult to deal with conceptually and mathematically. We build
on the phase space geometric methods of Nonlinear Dynamics, us-
ing geometric structures like nullclines and fixed points, to develop
a comprehensive theory for two-component mass-conserving reaction—
diffusion systems — a paradigmatic model class for pattern formation,
e.g. intracellular polarization. A dissection of space into (notional)
compartments enables us to characterize the spatio-temporal dynam-
ics based on the ODE phase space of local reactions. Diffusive coupling
leads to mass redistribution between the compartments which, in turn,
changes the local phase space properties.

‘We show that all aspects of pattern formation, from linear instability
and excitability to the bifurcations of stationary patterns, can be ex-
tracted from the geometric features of the line of chemical equilibria in
phase space. Furthermore, our analysis points towards a deep connec-
tion between the far from equilibrium reaction—diffusion dynamics to
phase separation of binary mixtures near equilibrium, and thus offers
a new perspective on phase separation far from equilibrium.

CPP 33.11 Wed 12:30 H4
Diffusive dynamics of complex particles in active colloidal
suspensions of motile algae — e FFLORIAN VON RULING and ALEXEY
EREMIN — Institute of Physics, Otto von Guericke Universitat Magde-
burg, Germany

We report experimental studies on the dynamics of complex passive
particles in the presence of motile algae Chlamydomonas reinhardtii
in thin capillaries. Employing video microscopy and particle tracking
algorithm, the enhancement of the diffusion of elongated particles due
to interactions with the microswimmers was explored. Depending on
the number of motile algae, the translational and rotational diffusion
constants of doublets of silica beads close to a solid boundary can be
increased by several orders of magnitude in comparison to purely Brow-
nian motion. At a high concentration of Chlamydomonas reinhardtii,
the algae formed dense dynamic clusters at the lower capillary wall. In
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this state of the system, swimming and clustering algae interact with
passive particles. Clustering algae can restrict both translational and
rotational dynamics of the silica doublets. We explore the effect of the
motion of algae in such active clusters on the dynamic of the passive
silica doublets.

CPP 33.12 Wed 12:45 H4
Self-propelled Dipolar Nanocubes — eMAaRTIN KAISER!, SoFiA
KanTtorovicu!2, YEIMY MARTINEZ®, and ANNETTE SCHMIDT® —
IUniversity of Vienna, Austria — 2Ural federal University, Russia —
3Universitéit zu Koln, Germany

Microscopic active particles, including self-propelled cells, microorgan-

isms and artificial swimming colloids, have gained a lot of attention
due to their relevance in such important fields as biology, biomedicine,

nanoscience and nanotechnology. The term ”active” describes the abil-
ity of certain particles or units, to convert energy from their environ-
ment into motion, hence, kinetic energy.

In this study, we use active matter to create a new type of nanomo-
tor, which is oriented by an applied magnetic field and propelled by an
active particle. One of those units consists of a dipolar cube that can
be directed due to its interaction with a magnetic field. A non-dipolar
active particle attached to the cube, with a propulsion force directed
into the cubes centre of mass, creates a field controlled swimming unit.

This scenario is investigated using molecular-dynamic simulations,
setting the above described unit in an obstacle free environment while
applying a constant magnetic field.

In collaboration with Dr. Schmidt from the University of Cologne,
those nanomotors are also investigated experimentally.

CPP 34: Two-dimensional Materials Il (joint session HL/CPP)

Time: Wednesday 9:30-13:00

CPP 34.1 Wed 9:30 H36
Defect dominated charge transport and fermi level pinning
in TMDC /metal contacts — eKa1 SOTTHEWES, RIk VAN BREMEN,
EpwiN DoLLEKAMP, HAROLD ZANDVLIET, and PANTELIS BAMPOULIS
— Physics of Interfaces and Nanomaterials, MESA+ Institute for Nan-
otechnology, University of Twente, P.O. Box 217, 7500AE Enschede,
The Netherlands

Understanding the electron transport through transition metal
dichalcogenides (TMDCs) based semiconductor/metal junctions is vi-
tal for the realization of future TMDC based (opto-) electronic devices.
Strong Fermi level pinning was observed in TMDC based devices, re-
ducing the tenability of the Schottky barrier height. We use conductive
atomic force microscopy to construct nanoscopic metal-TMDC junc-
tions in order to understand the Fermi level pinning mechanism on
TMDCs and the influence of defects on the electron transport. The
barrier heights of the pristine surface can be explained by metal in-
duced gap states (MIGS), inducing partial Fermi level pinning. The
Schottky barrier height further reduces (Fermi level pinning increases)
at defects, where the magnitude of the decrease depends on the metal
contact. These defects provide low-resistance conduction paths in
TMDC-based nanodevices and will play a prominent role as the device
junction contact area decreases in size.

CPP 34.2 Wed 9:45 H36

Localized quantum emitters in Van der Waals crystals
eAMLAN MUKHERJEE!, NaTHaN CHEJANOVSKY!?2, YoOUNG-
wook Kim2, Durca Dasaril2, JurceN H. SmeT?, and JorG
WracHTRUP!2 — 13rd Physics Institute and Research Center SCoPE,
University of Stuttgart, 70569 Stuttgart, Germany — 2Max Planck In-

stitute for Solid State Research, 70569 Stuttgart, Germany

Point defects in semi-conductors are renowned for single photon emis-
sion apart from having important implications on optical and trans-
port properties of their host crystal. Various two dimensional Van
der Waals (2D) crystals can provide a plethora of defects [1][2] and
have revolutionized scientific research with unique phenomena related
to their reduced dimensional. We summarize optical investigations of
localized quantum emitters in 2D semi-conductors with sub band-gap
excitation energizes, emphasizing those in hexagonal boron nitride that
exhibit para-magnetic responses to applied external magnetic fields.
References: [1] Chejanovsky, N. et al. Nano letters 2016, 16, 7037-
7045. [2] Chejanovsky, N. et al. Scientific reports 2017, 7, 14758 (1-14).

CPP 34.3 Wed 10:00 H36
High magnetic field measurements of interlayer excitons
in van der Waals heterostructures — eJoHaNNEs HOLLER!,
MicuAEL KeMPF!, JonNas ZIPFEL!, MARIANA BALLOTTINZ?, ANA-
TOLIE MiITiocLu?, PHiLIPP NacGLER!, FABIAN MOOSHAMMER!,
ALEXEY CHERNIKOV!, PETER CHRISTIANEN?, CHRISTIAN SCHULLER!,
and Toias Korn® — lInstitut fiir Experimentelle und Angewandte
Physik, Universitit Regensburg, Germany — 2High Field Magnet Lab-
oratory (HFML EMFL), Radboud University Nijmegen, Netherlands

— 3Institut fiir Physik, Universitdt Rostock, Germany

In the recent years, research in the field of two-dimensional materi-
als has intensified a lot. Besides graphene, the most prominent rep-
resentatives for this field are the transition metal dichalchogenides.
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These materials exhibit interesting physics in the monolayer, such as
spin-valley locking, and by combining them to heterostructures new
excitonic properties emerge.

Here, we study MoSez-WSes heterostructures, which create a type-11
band alignment. This results in a spatial separation of the electron-
hole pairs, leading to the formation of interlayer excitons (IEXs). In
low-temperature photoluminescence measurements in magnetic fields
up to 30T, we observe a giant valley-selective splitting and a resulting
near-unity valley polarization. Furthermore, we probe the valley dy-
namics of the IEX in dependence of the magnetic field, detecting very
long lifetimes in contrast to intralayer excitons. We are able to observe
the build-up of the valley polarization after unpolarized excitation, re-
vealing different dynamics and lifetimes for the different valleys.

CPP 34.4 Wed 10:15 H36
Tunable 2D superlattices in graphene — eRoBIN HUBER!,
MARTIN DRIENOVSKY!, ANDREAS SANDNER!, KENJI WATANABEZ,
TakasHl TanicucHi?, DieTer WEiss!, and JoNaTHAN Eroms! —
Hnstitue of Experimental and Applied Physics, University of Regens-
burg, Germany — ?National Institute for Materials Science, Tsukuba,

Japan

One fascinating way to study the effect of superlattices on graphene
are graphene/hBN heterostructures in which moiré superlattices with
lattice periods of about 10 nm can be created. These systems made
it possible to observe e.g. the famous Hofstadter butterfly in all its
beauty. Here we present an alternative method to induce tunable su-
perlattice effects in graphene by the combined action of a global silicon
backgate and a patterned bottom gate made from few layer graphene
using standard e-beam lithography techniques. We show low temper-
ature transport measurements on an artificially fabricated and gate
tunable 2D superlattice in graphene with a lattice period of 40 nm.
By switching on a 2D periodic charge carrier density modulation addi-
tional Dirac peaks can be observed which are the source of additional
Landau fans in magnetotransport. Due to the interplay between the
lateral 2D superlattice and a magnetic field, features of the Hofstadter
butterfly energy spectrum can be resolved. In addition we show mag-
netotransport data at an elevated temperature of 120 K where Landau
quantization vanishes but Brown-Zak oscillations, which are caused by
the 2D periodic potential, are still visible.

CPP 34.5 Wed 10:30 H36
Charge carrier localization in molybdenum disulfide
nanobubbles due to the interplay of surface wrinkling, strain,
and dielectric confinement — eCHRISTIAN CARMESIN, MICHAEL
LorRkE, MarTHIAS FLORIAN, DaNIEL ERBEN, TimMm O. WEHLING,
and FrRANK JAHNKE — Institut fiir Theoretische Physik, Universitét
Bremen

The observation of quantum light emission from atomically thin tran-
sition metal dichalcogenides has opened a new field of applications for
these material systems. The corresponding charge carrier localization
has been linked to defects and strain, however open questions remain
about the microscopic origin. We demonstrate that bending of two-
dimensional layers leads to surface wrinkling due to bond deformation
within the atomically thin sheet. The resulting strain-field facilitates
strong charge carrier localization due to its pronounced influence on
the band gap. Additionally, we consider confinement as a result of



Regensburg 2019 — CPP

Wednesday

local changes of the dielectric environment and show that both effects
contribute to modified electronic states and optical properties. The
interplay of surface wrinkling, strain-induced confinement and local
changes of the dielectric environment is demonstrated for the exam-
ple of nanobubbles that form when monolayers are deposited either on
substrates or other two-dimensional materials.

CPP 34.6 Wed 10:45 H36
Electric field control of interlayer excitons in MoS2/WS2

heterobilayers oFABIAN KRONOWETTER!, JoNas KIEMLE!,
FLoriAN SiceeErR'2, ALEXANDER HoLLEITNER!2, and URrsura
WURSTBAUER!23 IWalter Schottky Institut and Physics-
Department, Technical University of Munich, Germany —

2Nanosystems Initiative Munich (NIM), Germany — 3Institute of
Physics, WWU Miinster, Germany

Ensembles of interlayer excitons (IXs) are intriguing systems to ex-
plore classical and quantum phases of interacting bosonic ensembles
with enlarged lifetimes due to reduced overlap of the electron-hole
wave functions. We demonstrate electric field control of the IX in
MoS2/WS2 heterobilayer embedded in a field effect structure with
few layer hexagonal boron nitrite (hBN) as insulator and few-layer
graphene as gate-electrodes. We observe a multiplet structure in the
IX emission band even at room temperature. Stark shift measure-
ments reveal the presence of a finite out-of plane dipole of the IX. The
different strength of the dipole and a distinct temperature dependence
identify the IXs to stem from optical interband transitions with elec-
trons and holes located in different valleys of the heterostructures. For
the lowest emission line, we observe field dependent level anti-crossing
at low temperatures. We discuss this behavior in terms of coupling of
electronic states from the two TMDC monolayers. Our results demon-
strate the design of novel nano-quantum materials prepared from arti-
ficial van der Waals solids with the possibility to in-situ control their
physical properties via external stimuli such as electric fields.

15 min. break

CPP 34.7 Wed 11:15 H36
excitons localized by physisorbed gas molecules in MoSe2
monolayer — eTomMMAso VENANzIY 2, STEPHAN WINNERL!, ALEXEJ
Pasukin!, ManrFrep Herm'2, and HARALD SCHNEIDER! —
THelmholtz-Zentrum Dresden-Rossendorf, 01314 Dresden, Germany —

2Technische Universitdt Dresden, 01062 Dresden, Germany

In the study of 2D materials an extremely relevant topic is the pres-
ence of defects. We have studied excitons localized by physisorbed gas
molecules in MoSe2 monolayer by means of low-temperature photolu-
minescence. We have investigated how the localized exciton depends
on temperature taking care of the effects of laser irradiation. We ob-
serve a red-shift of the photoluminescence peak with temperature that
is not only addressable to renormalization of the bandgap or thermal
instability of the localization. On the other hand we observe a blue-
shift of the peak when increasing the laser irradiation dose. Finally
we propose a physical mechanism that can explain our experimental
observations.

CPP 34.8 Wed 11:30 H36
Silicene passivation by few-layer graphene — eJaxkos GENSER!,
VikToria RITTER!, DANIELE Nazzari', OLE BETHGE?, EMMERICH
BerTAGNOLLI', and Arors LuasTeEIN' — lInstitute of Solid State
Electronics, Technische Universitat Wien, Gufshausstrafte 25-25a, 1040
Vienna, Austria — 2Infineon Technologies Austria AG, Siemensstrafe

2, 9500 Villach, Austria

Silicene is of foremost interest for the development of next genera-
tion, high performance devices, due to its ultra-high carrier mobility
combined with a tuneable bandgap and good integrateability into the
current silicon based semiconductor industry. However, the synthesis
of silicene remains challenging and thus far is only achieved under UHV
conditions, whereas exposure to air leads to an immediate degradation.
Therefore, the stabilization of silicene at ambient conditions is essential
for its characterization, future processing and device integration. Here,
we demonstrate the first in-situ encapsulation of 4x4 silicene grown on
Ag(111) by exfoliated few-layer graphene (FLG) flakes. This encap-
sulation method allowed subsequent highly detailed Raman analysis
that so far has only been possible by means of in-situ Raman mea-
surements. The acquired data proved that FLG capping serves as an
effective passivation layer, preventing degradation of silicene for up to
several days. Additional polarization-dependent measurements showed
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that the symmetry properties of silicene remain unaltered by the cap-
ping process. Furthermore, the experiments demonstrated the com-
patibility between graphene and silicene, representing a step forward
towards the possible integration of silicene into 2D heterostructures.

CPP 34.9 Wed 11:45 H36

Internal structure and ultrafast dynamics of interlayer exci-
tons in van der Waals heterostructures — ePHILIPP MERKL!,
PurLipp STEINLEITNER!, FABIAN MoosHAMMER!, Kal-Qiang Lint,
PuiLipp  NAGLER', JoHANNES HoLLER!, CHRISTIAN SCHULLER!,
Joun M. Lupton!, Tobias Korn!, Smvon OvVESEN?, SAMUEL
Brem?2, ERMIN Maric? und Ruperr HuBer! — lDepartment of
Physics, University of Regensburg, D-93040 Regensburg, Germany —
2Department of Physics, Chalmers University of Technology, SE-41258

Goteborg, Sweden

In heterostructures of transition metal dichalcogenides, electrons and
holes residing in adjacent monolayers can bind into spatially indirect
excitons. Even though these interlayer bound pairs have attracted tre-
mendous interest owing to their strong promise for novel optoelectro-
nics and valleytronics, their binding energies have not been direct-
ly measured. Here we introduce a direct ultrafast access to Coulomb
correlations acting between monolayers. For the prototypical case of
WSe2/WS2 hetero-bilayers, phase-locked mid-infrared pulses allow us
to measure the binding energy of interlayer excitons of 118 meV by
revealing a novel 1s-2p resonance, well explained by a fully quantum
mechanical model. Furthermore, we trace how an exciton gas photoge-
nerated in the WSe2 layer directly transforms into interlayer excitons,
without a strong intermediate phase of unbound electron-hole pairs.
Depending on the stacking angle, intra- and interlayer species coexist
on picosecond scales and relax into quantum confined states in moiré-
induced nanodots.

CPP 34.10 Wed 12:00 H36
Plasmonic Coupling and Engineering of Single Pho-
ton Emitters in WSe2 Monolayers — eOriveEr IFr!, NiLs
Lunpt!, SiMoN BerzoLp!, Lukasz DusaNowski!, MAGDALENA
Moczara-Dusanowskal, Laxmi Naravan TripaTHI!, YouNag
Jin Lee2, Soon-Honag Kwon?, SveN Horrrine!3, and CHRis-
TIAN ScHNEIDER! — !Technische Physik, Universitit Wiirzburg,
Wuerzburg, Germany — 2Department of Physics, Chung-Ang Univer-
sity, Seoul, South Korea — 3SUPA, School of Physics and Astronomy,

University of St Andrews, St Andrews, UK

Single photon sources are an important building block in quantum
technologies. The rediscovery of transition metal dichalcogenides this
century revealed the availability of quantum emitters in monolayers
of WSe2 or MoSe2. Here, we investigate the resonant coupling of
such emitters to metallic nanostructures of different shapes and sizes.
Auto correlation measurements prove their single photon emission as
well as lifetime measurements unveil a reduction in their decay times,
confirming the coupling between the metal surface and the quantum
emitters. Furthermore, by utilizing an array of gold nanopillars as well
as strain-engineering and -tuning of monolayers, site-controlled posi-
tioning of localized emitters is possible and represents an important
step towards their reproducible manipulation. These findings demon-
strate the potential of transition metal dichalcogenide based, strain
engineered devices for quantum electrodynamic systems.

CPP 34.11 Wed 12:15 H36
Understanding the formation of interlayer excitons in the
case of MoS; on GaSe. — eCHRISTIAN WaGNERD'2, MAHFU-
JUR Ranaman?, DieTricn R.T. Zann?, and SiByLLE GEMMING!:2
— !Helmholtz-Zentrum Dresden-Rossendorf, Dresden, Germany —
2Institute of Physics, Technische Universitit Chemnitz, Chemnitz,
Germany

The fabrication of hybrid van-der-Waals heterostructures of two-
dimensional nano materials is an emerging field of study: The (weak)
electronic interaction between two layers is often reasonably described
by a perturbation of the physical effects of the isolated layers, such as
electrostatic doping and screening of intralayer excitons. However, it
turns out that this picture of the weak interaction is not exhaustive
in terms of optical properties: the formation of bound excitons from
electrons of one layer and the holes from another layer yields the forma-
tion of interlayer excitons. These states are measured experimentally
by photoluminescence and photocurrents, e.g. in the case of MoSs on
GaSe due to type-1I band alignment.

This contribution elucidates the conditions for the formation of in-
terlayer excitons from a first-principles point of view. For this, first-
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principles studies of a minimal test system are conducted. One per-
spective is then to predict these states as a function of the heterostack
in order to specifically taylor efficient solar cells.

CPP 34.12 Wed 12:30 H36
Transfer of electrodeposited MoS; to silicon substrate for
electronic devices — eTALHA NisArR, TORSTEN BALSTER, and
VEIT WAGNER — Jacobs University Bremen gGmbH, Campus Ring
1, 28759, Bremen, Germany

Molybdenum disulfide is a promising candidate for future electronics
due to its 2 dimensional nature. It can be deposited by various methods
such as mechanical exfoliation and chemical vapor deposition (CVD).
In our approach we use electrodeposition as an alternative large area
deposition method to CVD. For this purpose a MoS4 ion precursor is
used in the anodic regime. The electrodeposited layer consists of MoSs
as confirmed by Raman and XPS measurements. Such layers are con-
verted to MoSs by post annealing at temperature above 450°C. Ra-
man analysis shows that the crystallinity of such film improves with
higher post annealing temperatures. In addition, UV-Vis and AFM
measurements confirm MoSs formation in flakes with smooth surface.
We demonstrated that these layers can successfully be mechanically
transferred to a SiO2/Si.

CPP 34.13 Wed 12:45 H36
Optical properties of Monolayer MoS; exposed to helium

ions JurLian  KLEIN eSERcIO REY PUENTES!, MICHAEL

LorkE3, MarTHias FLORIAN®, FLORIAN SicGer'2, JouN CERNE?,
JakoB WierzBowskI 2, Kar MULLERD2, Lukas SiaLb2, TAKASHI
TanicucHI?, KeNJ1 WATANABE®, MicHAEL KaNiBER!:2, UrsurLa
WURSTBAUER" 2, MicHAEL KNaP® RicuarD ScumipT®, JoNATHAN
FinueEv!2, and ALEXANDER HoLLeITNER!'2 — 1Walter Schottky
Institut and Physik Department, Technische Universitdt Miinchen,
Garching, Germany — 2Nanosystems Initiative Munich (NIM), Mu-
nich, Germany — 3Institut fiir Theoretische Physik, Universitit Bre-
men, Bremen, Germany — 4Department of Physics, University at Buf-
falo, The State University of New York, Buffalo, USA — °National
Institute for Materials Science, Tsukuba, Japan — ®Department of
Physics and Institute for Advanced Study, Technical University of Mu-
nich, Garching, Germany

1,2
b

We present a spectroscopic study on mono- and few-layers of 2H
stacked MoS2 and WSez exposed with helium ions. Distinct changes
of the first-order Raman bands, additional defect luminescence and
strong modification of the intrinsic valley spin relaxation properties
are observed. The exposed locations were investigated by Raman
spectroscopy, low-temperature confocal micro-photoluminescence (u-
PL) and atomic force microscopy (AFM). Our results demonstrate the
potential of helium ion microscopy applied to 2D layered materials for
modifying intrinsic optical properties and fundamental understanding
of disorder.

CPP 35: Plasmonics Il (joint session O/CPP)

Time: Wednesday 10:30-13:15

CPP 35.1 Wed 10:30 HS8
Plasmon-assisted resonant electron tunneling in a scanning
tunneling microscope junction — Suuyr Liv!, MarTIN WoLF!,
and eTakasHi Kumagar'»?2 — 1Fritz-Haber Institute of the Max-

Planck Society — 2JST-PRESTO

Plasmon-induced phenomena have attracted increasing attention due
to diverse applications in nanoscale science and technology [1]. Plas-
monic nanocavities play a particularly important role because of their
ability to confine light to nanometric volumes and generate a strong
field enhancement. We report plasmon-assisted resonant electron tun-
neling from an Ag or Au tip to field emission resonances (FERs) of
a Ag(111) surface induced by CW laser excitation of a scanning tun-
neling microscope (STM) junction at visible wavelengths [2]. As a
hallmark of the plasmon-assisted resonant tunneling, we observe a
downshift of the first peak in the FER spectra by a fixed amount
equal to the incident photon energy. STM-induced luminescence mea-
surement for the Ag and Au tip reveals the clear correlation between
the laser-induced change in the FER spectra and the plasmonic prop-
erties of the junction. Our results clarify a novel resonant electron
transfer mechanism in a plasmonic nanocavity. References: [1] M. L.
Brongersma, N. J. Halas, P. Nordlander, Plasmon-induced hot carrier
science and technology. Nat. Nanotechnol. 10, 25-34 (2015). [2] S.
Liu, M. Wolf, T. Kumagai, Phys. Rev. Lett. in print, 10.1103/Phys-
RevLett.121.226802.

CPP 35.2 Wed 10:45 HS8
Investigation of plasmon assisted light emission from het-
eroepitaxial system of Co islands on Cu(111) by scanning
tunneling microscopy — eVisuuTi Rarl, Kevin EpeLmannb2;
Lars WiLMmEs!, Lukas GERHARD!, and WuLF WULFHEKEL!:2
Hnstitut fiir Nanotechnologie, Karlsruher Institut fiir Technologie,
76344 Eggenstein-Leopoldshafen, Germany — 2Physikalisches Insti-
tut, Karlsruher Institut fiir Technologie, 76131 Karlsruhe, Germany

Scanning tunneling microscopy (STM) with optical access allows sys-
tematic and controlled investigation of light emission from nanometer-
sized structures|1]. Here, plasmon mediated light emission from a het-
eroepitaxial system of bilayer and trilayer Co islands on Cu(111) is
studied in ultra-high vacuum at low temperature (4.4 K). Electrical
spectroscopy and optical spectroscopy were performed on an image
size of 40 x 40 nm where an optical spectrum was taken at every point
of a 160 x 160 grid. These measurements show the effect of geometric
cavity alteration and the associated resonance shift, influence of dielec-
tric constant of the sample and the tip, and modulation of emission
intensity by Friedel oscillation. Interestingly, the results indicate that
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the difference in the yield of inelastic tunneling dominates over the
difference of the gap plasmon resonance.
[1] K. Edelmann et al. Rev. Sci. Instrum. accepted for publication.

CPP 35.3 Wed 11:00 HS
Photon super-bunching from a metal-metal tunnel junction —
CuristopHER C. LEON!, ANNA Rostawskal, e ABHISHEK GREWAL!,
OLLE GuUNNARssoN', Kraus Kunnke!, and Krauvs Kgrn':2 —
I Max-Planck-Institut fiir Festkorperforschung, Stuttgart, Germany —
2Institut de Physique, Ecole Polytechnique Fédérale de Lausanne,
Switzerland

Generating correlated photon pairs at the nanoscale is a prerequisite to
creating highly-integrated optoelectronic circuits that perform quan-
tum computing tasks based on heralded single-photons. Here, we re-
port on the observation of bunched light emission from a generic tunnel
junction under DC-bias. Using LT-STM coupled with Hanbury Brown-
Twiss interferometer we probe the dynamics of the photon stream
emitted by a metal-metal junction. The inelastic tunneling events of
single electrons produce a plasmonic emission whose bunching factor
can be 17 (super-bunching) when measured with 53 picosecond instru-
ment resolution. Spectral filtering indicates that two photons of energy
higher and lower than half the tunneling electron energy participate in
bunching.

We show that mechanisms such as mechanical instabilities at the tip
apex, electron co-tunneling, and electronic detection artifacts can be
excluded, confirming the non-triviality of the emission. The le™ — n~y
process is promoted by the localized Purcell effect in conjunction with
optical nonlinearities due to inversion symmetry breaking at the tunnel
junction. The results suggest that an optoelectronic component useful
for quantum computing can be miniaturized to the atomic scale.

CPP 35.4 Wed 11:15 HS8
Simulating ultrashort light pulses in STM tunnel junc-
tions — e ALEXANDER NEEF!, DoMINIK PELLER?, RUPERT HUBER?,
and Jascua Repp? — !Fritz-Haber-Institute of the MPG, D-14195,
Berlin,Germany — 2Fakultaet fuer Physik, Universitaet Regensburg,

D-93040 Regensburg, Germany

Combining ultrafast lightwave control and scanning tunneling mis-
croscopy (STM) recently opened the door to atomic-scale femtosec-
ond imaging [1,2]. In lightwave STM, a THz field transient is coupled
into the tunneling junction to apply an ultrashort bias voltage. The
near-field waveform at the tip apex controls single-electron tunneling
with combined femtosecond temporal and sub-A spatial precision. Ex-
ploiting this process, single-molecule THz vibrations could be resolved
directly in space and time [2]. The mechanism of sub-cycle tunneling
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control crucially depends on the exact shape of the near-field waveform
in the junction, which is determined by interactions of the incoupled
terahertz pulses with tip and substrate. To understand the effect of
these near-field interactions on the voltage pulses in the junction, we
carried out finite element simulations in the frequency domain. The
resulting near-field waveforms coincide with experimental results. To
further optimize the near-field transients, we study different geometries
of the junction.

[1] T. L. Cocker et al., Nature Photon. 7, 620-625 (2013)

[2] T. L. Cocker, D. Peller, P. Yu, J. Repp, and R. Huber,

Nature 539, 263 (2016).

CPP 35.5 Wed 11:30 H8
Advances with Attosecond Electron Pulse Trains in Ul-
trafast Transmission Electron Microscopy e THOMAS
RiTTMANN!, KaTHARINA E. PrieBe!, CHRIsTOPHER RATHIEDZ,
SAascHA ScHAFER'2, SERGEY V. YALUNIN!, THORSTEN HoHAGE3,
ArmIN FE1sT!, and CLaus RopeRrs! — 14th Physical Institute - Solids
and Nanostructures, University of Gottingen, Germany — 2Institut fiir
Physik, University of Oldenburg, Germany — 3Institut fiir Numerische
und Angewandte Mathematik, University of Goéttingen

In an ultrafast transmission electron microscope (UTEM), inelastic
scattering between a free-electron beam and strong optical near fields
[1] allows for a coherent manipulation of the electron quantum state.
In this mechanism, the optical field imprints a sinusoidal phase modu-
lation on the electron wave function, which, after subsequent dispersive
propagation, results in a temporal electron density modulation [2].
Here, we employ a second electron-light interaction at varied prop-
agation distances with accurately controlled phase delay, and recon-
struct the temporal shape of the electron density at each distance
with our quantum state tomography algorithm ‘SQUIRRELS’ [3]. We
demonstrate the compression of electron pulses into trains of attosec-
ond bursts and explore the improvement of pulse durations by min-
imizing phase averaging effects. Such pulse trains will promote new
forms of ultrafast electron microscopy with attosecond resolution.

[1] B. Barwick et al., Nature 462, 902-906 (2009)
[2] A. Feist et al., Nature Physics 12, 1000-1004 (2016)
[3] K. Priebe et al., Nature Photonics 11, 793-797 (2017)

CPP 35.6 Wed 11:45 HS8
A versatile setup utilizing shaped optical pulses and time-
resolved photoemission electron microscopy to disentangle
the ultrafast local response of nanostructured surface systems
— oSEBASTIAN PrEs!, BERNHARD HUBER!, DaNIEL FERscH!, ENNO

Krauss2, DaANIEL FRrIEDRICH2, VICcTOR LISINETSKII!, MATTHIAS

Hensen!, Berr HecuT?, and ToBias BrixNer! — llInstitut fiir
Physikalische und Theoretische Chemie, Universitdt Wiirzburg, Am
Hubland, 97074 Wiirzburg, Germany — 2Nano-Optics & Biophotonics
Group, Experimentelle Physik 5, Universitat Wiirzburg, Am Hubland,

97074 Wiirzburg, Germany

The possibility to disentangle local field dynamics on nanometer length
scales is an important prerequisite for the exploration of interactions
between nanostructures and nearby quantum systems.

We combine time-resolved aberration-corrected photoemission electron
microscopy, enabling sub-10 nm spatial resolution, with a widely tun-
able laser source generating sub-20 fs excitation pulses at 1 MHz repe-
tition rate. Phase-stable pulse sequences are formed by liquid-crystal-
based pulse shaping and characterised by Fourier-transform spectral
interferometry. A detailed knowledge of each pulse sequence’s ampli-
tude and phase structure during the measurement allows to quantita-
tively analyse the influence of the pulse shape and laser spectrum on
resulting time-resolved multidimensional spectroscopy signals. Using
coherent 2D nanoscopy [1] we investigate local field dynamics within
a plasmonic nanoslit resonator.

[1] M. Aeschlimann et al., Nat. Photonics, Vol. 9 (2015)

CPP 35.7 Wed 12:00 HS8
Dynamic imaging of plasmonic nanostructures with an ul-
trafast point-projection electron microscope — eGERMANN
Hercerr!, ANDREAsS WosTE!, JAN VocELsanc!, Done WAaNGZ,
PETRA GRross!, and CHrisTopH Lienaul — nstitut fiir Physik, Carl
von Ossietzky Universitit, 26129 Oldenburg, Germany — 2Institut fiir
Werkstofftechnik, TU Ilmenau, 98693, Germany

The motion of electrons inside metallic nanostructures defines their

optical properties. The study of this electron motion requires micro-
scopes with few-fs time and nm-spatial resolution. Ultrafast electron
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microscopy (UEM) is a promising approach towards this goal, combin-
ing the spatial resolution of electron microscopes with the temporal
resolution of ultrashort laser pulses. So far, the mesoscopic distance
between sample and electron emitter limits the temporal resolution in
UEM to 100fs.

We solve this problem with a novel electron source in form of a
conical gold taper, without direct illumination of the apex. Light is
coupled to surface plasmons on the shaft of the tip, which propagate
towards the apex, where they cause electron emission.

Implementing this source in our ultrafast point-projection micro-
scope allows minimal sample-emitter distances and therefore enhanced
temporal resolution of 20fs [1]. We use this microscope to observe the
ultrafast expansion of a photoemitted electron cloud inside a plasmonic
nanoresonator in real space, and in addition, we observe a streaking of
the probing electrons by the photoemitted charges.

[1] J. Vogelsang et al., Light: Science & Applications 7, 55 (2018)

CPP 35.8 Wed 12:15 HS8
Quantum Pathway Interference between Surface Plasmon
Polariton and Photon — eDaviD JaNoscHKA, PAscAL DREHER,
MicHAEL HorN- voN HoEeGeN, and FraNnK J. MEYER zu HERING-
DORF — Faculty of Physics and CENIDE, University of Duisburg-
Essen, Duisburg, Germany

It is well known that the coherent superposition of light and surface
plasmon polaritons (SPPs) at a surface leads to an interferometric mix-
ture of both their electromagnetic fields. At metal surfaces, electrons
can be liberated from this mixture by a nonlinear electron emission
pathway. In pump probe experiments, the time dependence of the
fields has been used to image the propagation of SPPs in a photoemis-
sion electron microscope (PEEM). Strictly speaking, the contrast in
the microscope arises from the absorption of either photons, SPPs, or
both. Here we use Fourier techniques to disentangle the different con-
tributions of photons and SPPs to the electron emission. In addition
to the individual contributions of photons and SPPs we find emission
pathways that can only be explained by a quantum interference of SPP
and photon.

CPP 35.9 Wed 12:30 HS
Revealing local mode dynamics within a plasmonic nanoslit
cavity by time-resolved photoemission electron microscopy —
BerRNHARD HUBER!, DaNieL FriepricH?, ENNo KRrauss?, SEBAs-
TIAN Pres!, PuiLipp GrimmZ, DanierL Ferscu!, JuLian LuTTic!,
Vicror LisiNeTskil', eMarTHias Hensen!, Berr HecHT?, and
Tosias Brixner! — lInstitut fiir Physikalische und Theoretische
Chemie, Universitat Wiirzburg, Am Hubland, 97074 Wiirzburg, Ger-
many — 2NanoOptics & Biophotonics Group, Experimental Physics
5, University of Wiirzburg, Am Hubland, 97074 Wiirzburg, Germany

Plasmonic cavities are known for supporting discrete modes upon res-
onant excitation with light. The associated characteristic pattern of
intense electromagnetic hot-spots can be exploited to enhance light-
matter interaction and to enable strong coupling of distinct cavities
over a micrometer distance [1] or to strongly couple single excitons
and plasmons at room temperature [2]. Here, we disentangle the lo-
cal field dynamics of individual hot-spots within a nanoslit resonator
with a spatial resolution of < 10 nm by combining time-resolved pho-
toemission electron microscopy (PEEM) and a 1 MHz NOPA system.
Interestingly, we detect local differences of rather global properties
such as the Q-factor and resonance frequency. By using the concept of
quasinormal modes we explain these notable local differences, which
will be experienced by, e.g., quantum emitters, with a non-negligible
influence of adjacent resonator modes.

[1] M. Aeschlimann et al., Light Sci. Appl. 6, e17111 (2017)

[2] H. GroB et al., Sci. Adv. 4, eaar4906 (2018)

CPP 35.10 Wed 12:45 HS8
Direct optical excitation of dark plasmons for hot electron
generation. — eDomMinik Hoing!, NicLas MUOLLER?, FLORIAN
Scuurz!, StePHANIE REIcH?, and HoLcGER Lance! — lInstitut fiir
Physikalische Chemie, Universitat Hamburg, Sedanstrae 19, VG1-
045, 20146 Hamburg — 2Fachbereich Physik, Freie Universitit Berlin,

Arnimallee 14, Raum 1.2.42; 14195 Berlin

Plasmonic gold nanoparticles (AuNP) are of great interest because of
their ability to generate hot charge carriers, which can play a key role in
photoinduced catalysis [1]. Previous studies have shown that the gen-
eration of hot carriers depends on whether or not the photon energy
is larger than the threshold for interband transitions while exciting at
the plasmon resonance seems to have a low effect [2]. A possible ex-
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planation might be a significant contribution of radiative energy losses
during the plasmon decay. Dark plasmon modes, which can be ob-
served in AuNP multilayers, do not couple to the far field and might
allow to reduce such losses [3]. An experimental access to the effi-
ciency of hot carrier generation is transient absorption spectroscopy.
It has proven to be a reliable method as it allows assessing the initial
temperature of the electrons after excitation and thermalization [4].
In our contribution we investigate the effect of radiative losses on the
excitation of hot electrons, by comparing the hot electron dynamics in
AuNP mono- and bilayers.

[1] ACS Cent. Sci. 2017, 3, 482-488 ; [2] J. Phys. Chem. Lett.
2017, 8, 19, 4925-4929 ; [3] ACS Photonics 2018, 5, 10, 3962-3969 ; [4]
Chem. Rev. 2011, 111, 3858-3887.

CPP 35.11 Wed 13:00 HS8
Angle-resolved plasmoemission from strong SPP fields —
ePascaL DREHER, DaviD JaNoscHKA, MicHAEL Horn-voN HoEe-
GEN, and FRANK MEYER zU HERINGDORF — Faculty of Physics and
Center for Nanointegration Duisburg-Essen (CENIDE), University of
Duisburg-Essen, Lotharstrasse 1-21, 47057 Duisburg, Germany

Recent efforts to observe strong-field phenomena in photoemission
from metal surfaces have utilized the local enhancement of optical
near-fields in nanostructures such as nanotips. On flat metal surfaces
high field intensities can be achieved by femtosecond surface plasmon
polariton (SPP) pulses. Here we exploit the spatio-temporal nanofo-
cusing of SPPs in Archimedean vortex lenses [1| to achieve particu-
larly strong plasmonic near fields with well-known field distributions
on flat Au(111) surfaces. A spectroscopic photoemission electron mi-
croscope is employed to detect the electrons which are emitted from
the surface by the simultaneous absorption of up to seven SPP quanta.
In angle-resolved plasmoemission spectra (ARPLES) we observe sig-
natures which can be attributed to above-threshold plasmoemission
from the Au(111) Shockley surface state into SPP-dressed free elec-
tron states. The ponderomotive energy that the emitted electrons gain
within the strong plasmonic nanofocus is determined from spatially-
resolved plasmoemission spectra. The ponderomotive energy provides
us with a direct measure for an absolute value of the transverse electric
field strength of the SPP in the focus point.
[1] Spektor G, et al., Science 355, 1187 (2017)

CPP 36: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge V (joint
session O/CPP/DS/TT)

Time: Wednesday 10:30-13:15

Topical Talk CPP 36.1 Wed 10:30 H9
Theoretical Investigations of Electrochemical CO2 Reduction
— oKAREN CHAN — Department of Physics, Technical University of
Denmark

The electroreduction of CO2 has the potential to store energy from in-
termittent renewable sources and to produce carbon-neutral fuels and
chemicals; In this talk, I will discuss new developments in modeling
the electrochemical interface. I will then present the application of
these models of the interface to COy reduction: the determination of
reaction pathways and kinetics on transition metals, field and solva-
tion effects, pH effects on Ca product selectivity, and implications for
catalyst design.

Topical Talk CPP 36.2 Wed 11:00 H9
First-principles approach to model electrochemical reactions
at the solid-liquid interface — eMIRA TODOROVA, SUDARSAN
SURENDRALAL, and JORG NEUGEBAUER — MPI fiir Eisenforschung,
Diisseldorf

Processes at solid-liquid interfaces are at the heart of many present day
technological challenges related to the improvement of battery mate-
rials, electro-catalysis, fuel cells, corrosion and others. Describing and
quantifying the underlying fundamental mechanisms is equally chal-
lenging for experimental and theoretical techniques.

Utilizing concepts from semiconductor physics, we have developed
a novel potentiostat design, which enables us to perform ab initio cal-
culations under controlled bias conditions. Easily applied in standard
density functional theory codes, it controls the electrode potential of
the system by tuning the excess charge of the working electrode and
allows us to obtain direct insight into key mechanisms of electrocataly-
sis and corrosion. As a prototype example, we consider one of the most
corrosive systems under wet conditions - Mg. Using the new approach
we solve a 150-year-old problem, which links H-evolution under anodic
conditions to Mg dissolution [1].

[1] S. Surendralal, M. Todorova, M.W. Finnis and J. Neugebauer,
Phys. Rev. Lett. 120, 246801 (2018).

CPP 36.3 Wed 11:30 H9
Towards out of the box implicit solvation at liquid-liquid
interfaces — eJakoB FILSER!, MARKUs SINSTEIN!, CHRISTOPH
ScHEURER!, SEBASTIAN MATERAZ, KARSTEN REUTER!, and HARALD
OBERHOFER! — Technische Universitdt Miinchen — 2Freie Univer-

sitdt Berlin

Implicit solvation models are widely used to incorporate solvent effects
in electronic structure theory. Treating the solvent as a structureless
dielectric continuum, they lift the necessity to explictly sample solvent
degrees of freedom. However, even state of the art models currently
cannot treat solvation at technically highly important dielectric inter-
faces, e.g. between two immiscible liquids.
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As a remedy, we modify the multipole expansion (MPE) model
to also account for liquid-liquid interfaces, specifically focusing on
the electrostatics of mutually interacting dielectric regions. Non-
electrostatic free energy contributions thereby are treated with a sim-
ple linear model, fitted to experimental free energies of solvation in
the two liquids. We demonstrate the efficacy of this approach for
small molecules at a water—1-octanol interface, which show the correct
qualitative behaviour with respect to orientation and position at the
interface.

Future, quantitative applications of our new implicit solvation in-
terface methods are clearly possible but will necessitate both improve-
ments to the non-electrostatic free energy terms and a more exhaustive
parameterization effort for a wide range of solvents.

CPP 36.4 Wed 11:45 H9
Continuum models of the electrochemical diffuse layer
in electronic-structure calculations — eFrancesco Narrtinol,
OLiviEro ANDREUssI?, and Nicora MaRrzaR1! — ! Theory and Sim-
ulations of Materials (THEOS), and National Centre for Computa-
tional Design and Discovery of Novel Materials (MARVEL), Ecole
Polytechnique Fédérale de Lausanne, CH-1015 Lausanne, Switzerland
— 2Department of Physics, University of North Texas, Denton, TX
76207, USA

The electrical diffuse layer is a structure that spontaneously forms at
essentially any solvated interface, such that its presence in electro-
chemistry is ubiquitous. While first-principles methods are desirable
to describe any process occurring at the surface, fully-atomistic mod-
els of electrolyte solutions suffer from computational limitations. In
this context, continuum models represent a practical tool to bypass
these difficulties and to account for the presence of the diffuse layer
at electrified interfaces. However, despite the increasing popularity
of continuum models in the field of materials science, even relatively
simple observables such as the differential capacitance (DC) of single-
crystal electrode surfaces remain challenging to model quantitatively.
I will present and discuss the performance of a hierarchy of contin-
uum diffuse-layer models that we have implemented and coupled to
an atomistic first-principles description of a charged metal surface. In
particular, I will compare computed DC values for the prototypical
Ag(100) surface in an aqueous solution to experimental data, and val-
idate in this way the accuracy of the models considered.

CPP 36.5 Wed 12:00 H9
Ab initio molecular dynamics of Pt(111)/H,0O interfaces in
an electrolytic cell setup — eSUDARSAN SURENDRALAL, MIRA
Tobporova, and JORG NEUGEBAUER — Max-Planck-Institut fiir Eisen-
forschung, Max-Planck-Str. 1, 40237 Diisseldorf, Germany.

Recently, we developed a novel scheme to perform density functional
theory (DFT) simulations of electrochemical interfaces under con-
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ditions of constant applied voltage utilizing charge transfer from a
semiconductor counter electrode [1]. We use a fractionally doped Ne
counter electrode because of its inertness, wide band gap, and low de-
formation potential. Our DFT based molecular dynamics calculations
of the Pt(111)/H20 interface in this setup reveals that we are able
to accurately reproduce macroscopic observables like the potential of
zero charge (PZC). We discuss the work function drop at the interface
at the PZC, due to the charge polarization by the non-dissociative
chemisorption of water molecules at the Pt surface. Possible pitfalls
due to the choice of the DFT exchange-correlation functional, non-
converged computational parameters and confinement effects due to
the presence of the counter electrode will also be discussed.

[1] S. Surendralal, M. Todorova, M. W. Finnis, and J. Neugebauer,
Phys. Rev. Lett. 120, 246801 (2018).

CPP 36.6 Wed 12:15 H9
Swipe left for water molecules? - Implicit vs explicit descrip-
tions of liquid water at interfaces. — eNicoLas HOrRMANND,
OLviero ANDREUssI?, and NicoLa Marzari' — Theory and Sim-
ulation of Materials (THEOS), and National Centre for Computational
Design and Discovery of Novel Materials (MARVEL), EPFL, CH-1015
Lausanne, Switzerland — 2Department of Physics, University of North

Texas, Denton, TX 76207, USA

We present a study of relevant electrochemical interfaces, such as
semiconductor-water and metal-water interfaces based on periodic den-
sity functional theory (DFT) calculations with the interface modelled
with different degrees of complexity. Water at metallic surfaces is mod-
elled within the self-consistent continuum solvation scheme (SCCS) [1]
with explicit application of a potential which allows the comparison
of pH dependent properties with experimental results [2,3]. In the
case of semiconductors, different amounts of interfacial water are sub-
stituted with implicit solvent and observables such as the measured
band alignment are obtained from thermal averaging over molecular
dynamics snapshots. We find that it is necessary and sufficient to in-
clude strongly bound interfacial water molecules (dissociated or not)
explicitly and replace the rest with an implicit model, in order to ob-
tain consistent results with all-explicit simulations [4]. Based on these
result we simulate the surface Pourbaix diagrams of the most stable
surfaces of GaAs, GaN, GaP, CdS and anatase and rutile TiOs.

[1] J. Chem. Phys. 136, 064102 (2012); [2] Nat Commun. 9, 3117
(2018). [2,3] NH (2018) submitted

CPP 36.7 Wed 12:30 H9
Transition metal oxide nanoparticles as efficient catalysts for
proton exchange membrane electrolyzers: morphology, activ-
ity and stability — eDANIEL OPALKA, YONGHYUK LEE, JAKOB T1Mm-
MERMANN, CHRISTOPH SCHEURER, and KARSTEN REUTER — Technis-
che Universitdt Miinchen

Transition metal oxides such as RuO2 and IrO2 are currently the best
known electrocatalysts for the oxygen evolution reaction from liquid
water in proton exchange membrane (PEM) electrolyzers. However,
dynamic load operation of PEM cells induces transformations of the
catalyst morphology leading to metal dissolution and catalyst degra-
dation. We present a computational model to predict the morphology,
activity and stability from ab initio electronic structure theory and

fundamental thermodynamic principles. Based on this model, we have
explored novel strategies to reduce material expenses and improve cat-
alyst stability while preserving high catalytic activity via nanoparticles
with a core-shell design. From an analysis of different surface coverages
with oxygen, hydroxyl and hydroxo species, voltage-dependent phase
diagrams for catalyst surfaces are presented which correlate with char-
acteristic features observed in cyclovoltammetric measurements. Re-
sults from atomistic models of selected nanoparticles on the basis of
Wulff’s Theorem show negligible size effects, but a strong influence of
the facet terminations on the surface relaxation.

CPP 36.8 Wed 12:45 H9
Modelling the fingerprint of chemical reactions on catalytic
surfaces in core-electron binding energies — eJOHANNES Lis-
CHNER and JUHAN MaArTHIAS KAHK — Imperial College London

Core-electron X-ray photoemission spectroscopy is a powerful experi-
mental technique to gain information about chemical reactions on cat-
alytic surfaces. Interpreting experimental spectra, however, is often
challenging and theoretical modelling of core-electron binding energies
is required to meaningfully assign peaks to adsorbate species. In this
talk, I will present a novel first-principles modelling strategy to cal-
culate core-electron binding energies of molecules on metallic surfaces.
Specifically, we combine plane-wave/pseudoptential DFT calculations
of surface slab models for geometry optimizations with all-electron
Delta-SCF calculations on cluster models for determining accurate
core-electron binding energies. This approach is computationally effi-
cient and yields good agreement with experimental measurements for
a wide range of adsorbates on copper(111) surfaces.

CPP 36.9 Wed 13:00 H9
What Makes a Successful Photoanode? - The Role of
the Semiconductor—Catalyst Interface — eFRANZISKA SIMONE
HeceNer!, BEnJAMIN Moss?, JAMEs DURRANTZ, SixTo GIMENEZ3,
JosBE-RAMON GALAN-Mascar6s!, and NURria Lépez! — llnstitute
of Chemical Research of Catalonia (ICIQ) — 2Imperial College London

— 31Institute of Advanced Materials, Castellon

A large scale implementations of artificial photosynthesis is still limited
by the low efficiencies of the employed photoelectrochemical systems.
A common strategy to improve performance is to deposit a co-catalyst
on the light-harvesting photoanode. However, the role of the catalyst
is controversial; is it acting as a true catalyst, i.e. transferring charges,
or is it merely influencing the electronic structure of the semiconduc-
tor?[1]

The semiconductor-catalyst interface is key to catalytic perfor-
mance, but its accurate description is limited since linear scaling re-
lationships no longer apply. Herein the function of the co-catalyst
(cobalt hexacyanoferrate) is discussed on two photoanode interfaces,
Fe203 and BiVO4. Density Functional Theory and time-resolved spec-
troscopy were used to shed light on the underlying charge-transfer pro-
cesses. Taking into account the advantages and disadvantages of all ap-
plied techniques, a relationship between electronic structure alignment,
interface morphology, and photocatalytic efficiency is proposed.|2]

[1] D. R. Gamelin, Nat. Chem., 4 (2012), 965-967. [2] F. S. Hegner,
D. Cardena-Moscoros, S. Gimenez, N. Lopez, J. R. Galan-Mascaros.
ChemSusChem, 10 (2017) 4552-4560.
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CPP 37.1 Wed 11:00 Poster Bl
Key factors in the synthesis of template-oriented porous or-
dered titanium dioxide: solvents and catalysts — eSHANSHAN
YN and PETER MOULLER-BuscuBaumM — TU Miinchen, Physik-
Department, LS Funktionelle Materialien, 85748 Garching

As a crucial material for energy storage, TiO2 has been widely studied
during the past decades. Typically, when used as the active material
of lithium-ion batteries or solar cells, TiO2 thin films with specific
structures always afford more advantages than classical bulk material.
In this work, various intriguing structures have been synthesized with

(0]

Location: Poster B1

the template-oriented sol-gel method. Both, the hydrolysis and con-
densation reaction of TTIP, are confined into the PEO domain of the
amphiphilic diblock copolymer during the sol-gel synthetic process.
Since the polymer template can be fully removed with the calcina-
tion, the morphology control of the TiO2 thin film is realized with
controlling the phase separation behavior of the block polymer. In the
present work, the influence of the solvent category and catalyst content
on the morphology of TiO2 thin film is discussed in detail. SEM and
GISAXS measurements were carried out to study the pore structures
of the TiO2 films.
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CPP 37.2 Wed 11:00 Poster Bl
Ordering and crystallization in thin films of
diketopyrrolopyrrol-based semiconducting copolymers
®SHAYAN VAZIRIEH LENJANI, MARIO ZERSON, QIAN WANG, MICHAEL
SOMMER, and ROBERT MAGERLE — Fakultét fiir Naturwissenschaften,
TU Chemnitz, Chemnitz, Germany

Semiconducting polymers based on diketopyrrolopyrrol (DPP) com-
bine a number of favorable properties, such as straightforward chem-
ical synthesis and photostability with an outstanding charge carrier
mobility in organic electronic devices. Despite this success, the struc-
ture formation processes in thin films are poorly understood. With
atomic force microscopy (AFM), we study thin films of DPP copoly-
mers prepared from different solvents, polymer concentrations, and
temperatures. During drying, a complex sequence of structural rear-
rangement processes occurs. In solution, the polymers partly form ag-
gregates. At higher polymer concentrations, different types of lyotropic
liquid crystalline phases form as indicated by terrace formation and
the observed surface textures. During the final drying, the polymer
chains partly crystallize and form crystalline lamellae that are typi-
cal for semicrystalline polymers. From arrays of pointwise measured
amplitude—phase—distance curves, we reconstruct three-dimensional
depth profiles of the specimen’s top 10 nm surface layer. These high-
resolution volume images reveal different types of surface structures
with unprecedented resolution.

CPP 37.3 Wed 11:00 Poster Bl
What is the role of planarity and torsional freedom for ag-
gregation in organic semiconductor materials? — eSTEFAN
WEeDLER!, AXEL Bourpick?, STEPHAN GEKLE?, FABIAN PANZER!,
CarrLiN  McDoweLL?, GuiLLermo C. Bazan3, THUC-QUYEN
Ncuvyen3, and Anna KourLEr'* — 1Soft Matter Optoelectronics,
University of Bayreuth — 2Biofluid Simulation and Modeling, Uni-
versity of Bayreuth — 3Center for Polymers and Organic Solids, UC
Santa Barbara — 4BIMF, University of Bayreuth

Planarity and rotational freedom play an important role for the aggre-
gation process in organic semiconductors. Stiff and planar molecules
seem to aggregate more easily. However, it is not clear whether these
factors are a prerequisite or just a side effect of aggregation. We in-
vestigate the importance of planarity for aggregation using two small
conjugated molecules, which consist of typical building blocks and dif-
fer only by the rigidity of their central unit. Their aggregation proper-
ties are compared by absorption and luminescence spectroscopy, both
temperature dependent in solution as well as in-situ upon spincasting
during film formation. MD simulations and DFT calculations reveal
intermolecular arrangements. Our results suggest that planarity and
torsional rigidity are indeed needed to promote aggregation, though
too much rigidity can obstruct the pathway to ordered structures.

CPP 37.4 Wed 11:00 Poster Bl
Investigating the Role of Planarity and Torsional Freedom
for Aggregation in Organic Semiconductor Materials with
the Help of MD and DFT Simulations — STEFAN WEDLER!,
e AXEL BoURDICK?, STEPHAN GEKLE2, FABIAN Panzer!, and ANNA
Ko6uLER! — Experimental Physics II, University of Bayreuth —
2heoretical Physics VI , Biofluid Simulation and Modeling, University
of Bayreuth

Organic photovoltaics has become a rapidly developing field, in which
a lot of interesting systems are investigated for potential industrial ap-
plications. An ongoing challenge hereby is to relate the aggregation
to the macroscopic properties of the solar cells. Planarity and rota-
tional freedom play an important role during the aggregation process
but the details of the mechanism is poorly understood. We use MD
and DFT simulations to gain insights at molecular length scales which
is difficult to access by experiments alone. We investigate two small
conjugated molecules with a tandem like design structure, which differ
in the planarity of the central donor units. The aggregation properties
are investigated by optical experiments (presented on the accompany-
ing poster by S. Wedler et al [1]), which we support with simulations.
Free energy calculations and an investigation of the properties of the
aggregates lead to a better understanding of the importance of pla-
narity and rotational freedom.

[1]: Poster, What is the role of planarity and torsional freedom for
aggregation in organic semiconductor materials?, S. Wedler et. al.

CPP 37.5 Wed 11:00 Poster B1
Water-processed active layers for hybrid photovoltaics using
spray deposition techniques — eLAuTaARO Diaz Piora, VOLKER

76

KorsTcENs, and PETER MULLER-BuscuBaum — TU Miinchen,
Physik-Department, LS Funktionelle Materialien, James-Franck-Str.
1, 85748 Garching

Hybrid solar cells aim to combine the advantages of both, inorganic
and organic materials in the active layer. The stability and high carrier
mobility of the inorganic component, together with the potential low-
cost production and feasibility of producing flexible devices from the
organic component make the hybrid approach promising. In particu-
lar, the possibility for wet chemical device preparation in the organic
material allows the use of scalable thin film coating techniques. Most
of the research in this direction use organic solvents for the solar cell
preparation, which does not lead to a full environmentally friendly
approach. Therefore, the use of water soluble components for the or-
ganic material is of interest. In the present investigation we study
the morphology of active layers for hybrid solar cells that are fully
water processed using industrially scalable techniques such as spray
coating. The investigation of the mesoscale structure and of the crys-
tal structure is carried out via the scattering techniques GISAXS and
GIWAXS, respectively, while UV /vis measurements are performed to
study the absorption properties.

CPP 37.6 Wed 11:00 Poster Bl

Impact of microstructure of hybrid perovskite powders on the
mechanical properties of completely dry processed perovskite
layers via pressing — eMaxiMILIAN ScHuLTz!, Nico LEUPOLD?Z,
KonsTaNTIN ScuoTz!, RaLF Moos?, and Fapian Panzer! — 1Soft
Matter Optoelectronics — 2Department of Functional Materials, all

University of Bayreuth, Bayreuth, 95440, Germany

Optoelectronic devices based on hybrid perovskites have undergone a
remarkable development within the last few years. However, state of
the art processing approaches such as solution processing or evapo-
ration suffer from an intrinsically high complexity, as the actual per-
ovskite crystallization and its film processing happen simultaneously
and are inextricably interconnected.

Here we present an alternative, entirely dry processing approach,
which decouples perovskite crystallization and film formation, by us-
ing readily prepared perovskite powders and produce films by appro-
priate mechanical pressure treatment. We show how the used pressure
and the powder microstructure, i.e. particle size and stoichiometry af-
fect the mechanical stability, compactness and surface roughness of the
pressed layers. We further address how specific temperature treatment
during the pressing step can be used to improve the properties of the
pressed layer.

CPP 37.7 Wed 11:00 Poster Bl
The 2-Step deposition method of mixed perovskites as a
route to highly tunable optoelectronic properties — e LENNART
REB and PETER MULLER-BuscHBaum — TU Miinchen, Physik-
Department, LS Funktionelle Materialien, James-Franck-Str. 1, 85748
Garching, Germany

Mixed-cation lead mixed-halide perovskite solar cells with their im-
pressive increase in efficiency over the last years, exceeding 22 per
cent recently, are promising to play a role for future and sustain-
able power generation. Typically, the well-established 1-step spin-
coating deposition technique is used for the perovskite layer to achieve
these high efficiencies. In contrast, the 2-step deposition technique
takes full advantage of the chemical tuneability of the perovskite semi-
conductors. Probing such perovskite thin films of different chemical
compositions and concentrations with grazing incidence small- and es-
pecially wide-angle X-ray scattering allows assessing their morpholog-
ical and crystalline structure. Spectroscopic measurements, e.g. ellip-
sometry, external quantum efficiency measurements, impedance spec-
troscopy, complement the structural investigations and thereby help
us to increase our knowledge of some still poorly understood physical
mechanisms in perovskite solar cells. More importantly, this is a nec-
essary step to be able to tune the fascinating optoelectronic properties
of perovskite to access the full range of other promising applications,
such as photo-detectors and light emitting diodes.

CPP 37.8 Wed 11:00 Poster Bl
Characterization and Encapsulation of Perovskite Solar Cells
— eBENJAMIN PREDEscHLY, LENNART REB, and PETER MULLER-
BuscuBaum — TU Miinchen, Physik Department, LS Funktionelle
Materialien, 85748 Garching, Germany

Perovskite Solar Cells (PSCs) with their upscalable low-cost produc-
tion from solution and their flexibility, suited for new application fields,
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are promising for future energy generation. Impressive power conver-
sion efficiency (PCE) of more than 20 percent was reached recently as a
result of optimized preparation techniques and material compositions.
However, PSCs exposed to ambient conditions, especially humidity,
show a decreasing PCE with time, making long-term stability a bottle-
neck towards commercialization. We process PSCs with the champion
architecture and investigate them by various methods like external
quantum efficiency measurements, scanning electron microscopy and
grazing incidence small- and wide-angle X-ray scattering (GISAXS and
GIWAXS) to relate the morphological changes to the degradation of
the device performance. To improve the long-term stability, we develop
a simple but effective method for mechanical encapsulation, protecting
the PSC with a flexible foil from humidity. We track the PCE of the
encapsulated PSCs over time, with a substantial improvement of the
long-term stabilization in ambient condition, which is supported by
GIWAXS measurements. Reaching long-term stability for PSCs is an
important step towards their success.

CPP 37.9 Wed 11:00 Poster Bl
Mesoporous Titania Backfilled with Heavy Element Contain-
ing Small Molecules and High-Efficiency Polymer PTB7-Th
for Hybrid Photovoltaics — eRapuaeL MARKL!, Nurt Houn!,
EMaNUEL HupF2, GAETANO MAaNciaPia®, MarTHIAS Pomm®, Eric
Rivarp?, and PeTER MOULLER-BuscusauMm! — ITU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching,
Germany — 2University of Alberta, Department of Chemistry, Ed-
monton, Canada — 3Helmholtz-Zentrum Geesthacht at Heinz Maier-
Leibnitz Zentrum, Garching

Hybrid photovoltaic devices have recently attracted significant research
attention due to improvements in efficiency by tailoring the organic-
inorganic interface. Mesoporous titania films are synthesized utiliz-
ing polystyrene-b-polyethyleneoxide diblock copolymer templating in
a sol-gel approach. A hybrid photovoltaic active layer is then achieved
by infiltrating the organic component into the resulting mesoporous ti-
tania scaffold. We investigate the backfilling of organic polymer PTB7-
Th and novel tellurophene Phen-Te-BPinPh small molecule into the
mesoporous titania films by ToF-GISANS. While the backfilling effi-
ciency of PTB7-Th proves to be sensitive to the polymer concentration,
Phen-Te-BPinPh is backfilled easily into the titania matrix due to its
small size. Complementary X-ray scattering techniques are used in
obtaining the SLD profile required for ToF-GISANS analysis and the
crystal structure of respective thin films. Conclusions derived from
real space investigation via SEM are found in agreement with these
results.

CPP 37.10 Wed 11:00 Poster B1
Comparative study of interface modification and passivation
approaches on low-temperature SnO2 and their effect on
perovskite solar cell performance — eMax GRISCHEK, PHILIPP
TockHORN, GANNA CHisTIAKOVA, Lukas KEGELMANN, and STEVE
ALBRECHT — Helmholtz-Zentrum Berlin, Berlin, 12489, Germany.

SnO2 is a widely used electron transporting material (ETM) in planar
n-i-p-type perovskite solar cells (PSC). It allows high Voc above 1.15
V and efficiencies close to 21%. In addition, low process temperatures
make SnO2 a suitable ETM for flexible foils or monolithic silicon-
perovskite tandem solar cells. However, high device efficiencies require
thorough optimization of the SnO2 surface. This study investigates
modification and passivation approaches on SnO2 and compares their
effect on chemical composition, energetics, charge carrier extraction,
interface recombination and performance in PSCs. Firstly, a dipole
interlayer between SnO2 and the absorber is utilized to reduce the
SnO2 workfunction and its conduction band offset to the absorber,
as implied by UPS. This is shown to reduce interface recombination
losses and increase the device Voc, as revealed by absolute PL and J-V
measurements. Similar effects are observed when introducing very thin
interlayers of PCBM/PMMA mixtures. The best PSC performance is
achieved by an O2-plasma treatment of the SnO2 surface. Using J-V,
TRPL and absolute PL measurements, less non-radiative recombina-
tion and faster charge carrier extraction are observed. This plasma
treatment leads to reduced hysteresis and an enhancement in device
efficiency to 18.1%.

CPP 37.11 Wed 11:00 Poster Bl
Preparation of Mg,;Zni_,O nanoparticles through a wet
chemical route for applications in optoelectronic devices —
e ANDREAS RINGLEB and DERCK ScCHLETTWEIN — Justus-Liebig-
Universitdt Giefien, Institut fiir Angewandte Physik

7

Zinc oxide (ZnO) is an n-type semiconductor and a promising can-
didate for applications in various types of optoelectronic devices due
to its wide direct bandgap of about 3.3 €V and high exciton binding
energy of approximately 60 meV. The targeted substitution of Zn with
magnesium enables a tunable band gap of Mgx Znj_ x O between 3.3
and 7.8 eV through control of the Mg-content. M gx Zn_ x O nanopar-
ticles have been prepared from acetate precursors through a wet chem-
ical route. Thin films have been deposited on quartz and FTO coated
glass substrates from pastes by doctor-blading and subsequent dry-
ing and/or annealing. XRD and SEM have been used to study the
morphology and crystal structure of these films. The modulation of
the band gap has been confirmed by UV-Vis spectroscopy. Elemental
composition has been studied by XPS and EDX. Nanoparticle size has
been measured by means of dynamic light scattering (DLS). A focus
has been put on the homogeneity and porosity of the resulting films
since they are especially suited for future applications in hybrid photo-
voltaics, such as dye-sensitized solar cells (DSCs), quantum-dot solar
cells (QDSCs) or perovskite solar cells (PSCc).

CPP 37.12 Wed 11:00 Poster B1
Time-Resolved Microwave Conductivity on Lead Halide Per-
ovskite Films — ePaTRICK DORFLINGER!, ANDREAS BAUMANNZ,
ANDREAS SPERLICH!, and VLapIMIR Dyakonov! — lExperimental
Physics VI, Julius Maximilian University of Wiirzburg, 97074
Wiirzburg — 2Bavarian Center for Applied Energy Research (ZAE

Bayern), 97074 Wiirzburg

Perovskite solar cells are one of the most promising new photovoltaic
technologies with steadily rising efficiencies. To further improve their
potential performance and stability, it is essential to understand their
optoelectrical properties as well as to develop novel, not yet estab-
lished, perovskite materials. These must be extensively characterized
prior to solar cell fabrication. With Time-Resolved Microwave Con-
ductivity (TRMC) the mobility and lifetime of photogenerated charge
carriers in a perovskite layer can be determined in a non-contact way.
The TRMC measurement technique is based on the interaction of an
applied electro-magnetic field with the charge carriers in the semicon-
ductor material, which leads to a time-dependent change in conduc-
tance. We use TRMC to probe the charge carrier dynamics in various
perovskite materials, such as methylammonium lead iodide and mixed
cation and halide perovskite.

CPP 37.13 Wed 11:00 Poster B1
Influence of Ammoniumvaleric Acid on the Current-Voltage
Hysteresis of M APbIz Thin Films on Microstructured Elec-
trode Arrays — eJonNas GLASER, JoNas HorN, RAFFAEL RuUEss,
and DERCK SCHLETTWEIN — Justus-Liebig-Universitdt Giefien, Insti-
tut fiir Angewandte Physik

As organic-inorganic lead halide perovskite solar cells have emerged as
promising technology for low-cost and highly efficient photovoltaics,
issues such as long term stability and hysteresis in the current-voltage
characteristics are put into focus of interest. Microstructured metal
electrode arrays can be used to investigate electrical and interface
properties of such semiconducting layers. In this work, thin films of
methylammonium lead iodide (M APbI3) were prepared on microstruc-
tured platinum arrays in order to study the I-V-characteristics under
different applied voltages. Partial substitution of methylammonium
by ammoniumvaleric acid was found to reduce the observed hysteresis
and, also, decreased the measured current densities by about one or-
der of magnitude. It was found that the appearance of the hysteresis
strongly depends on the chosen measurement conditions, e. g., scan
rate and voltage range. Therefore, we assume that the application of
an external electric field leads to alignment of dipoles and migration of
ions and vacancies in the perovskite thin films, which then shows two
kinds of I-V-hysteresis, one for smaller voltages that is not influenced
by the scan rate and another one for larger applied electric fields whose
extent depends on the scan rate.

CPP 37.14 Wed 11:00 Poster B1
Electrical Characterization of the Double Perovskite
Cs2AgBiBrg — eFABIAN ScHMITZ, JoNAs HorN, and DERCK
SCHLETTWEIN — Justus-Liebig-Universitat Giefsen, Institut fiir Ange-
wandte Physik

Hybrid organic-inorganic lead halide perovskites have been investi-
gated intensively during the last decade. Issues of chemical stabil-
ity, interfacial contact formation and the toxicity of lead represent the
main present challenges for perovskite solar cells. Fully inorganic ab-
sorbers, such as the double perovskite C'so AgBiBrg provide a possible
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solution to some of these problems. Despite rather fast nongeminate
recombination, this material is not only a promising approach to over-
come the stability issues but also facilitates ambient processing with
less problematic solvents and reduces the toxicity problems of prospec-
tive cells.[1] We prepared such inorganic layers to evaluate their suit-
ability as absorber or buffer layers in solar cells by measuring their
I-V-characteristics in the dark and under illumination, incident pho-
ton conversion efficiency and open circuit voltage decay. Further, we
measured the electronic properties of Csa AgBiBre layers using sym-
metric metal contacts in order to investigate I-V-hysteresis, which is
a good indicator of contact characteristics in perovskite solar cells.

[1] R. Kentsch, M. Scholz, J. Horn, D. Schlettwein, K. Oum, T. Lenzer,
J. Phys. Chem. C, 122, 25940 (2018).

CPP 37.15 Wed 11:00 Poster B1
Dynamics of the Double Perovskite
Cs2AgBiBrg eRoBIN KeNnTscu!, Mirko Scuorz!, Jonas
Horn?, Drrck ScHLETTWEINZ, Kawon Oum!, and THOMAS
LenzER! — 1Physikalische Chemie, Universitit Siegen, Adolf-
Reichwein-Str. 2, 57076 Siegen, Germany — Z2Institut fiir Ange-
wandte Physik, Justus-Liebig-Universitat Gieften, Heinrich-Buff-Ring
16, 35392 Gieflen, Germany

Hybrid lead perovskites have reached power conversion efficiencies
above 23% in photovoltaic applications. Yet, major drawbacks remain.
These include the toxicity of lead as well as the insufficient long-term
stability. The ongoing search for environmentally friendly alternatives
has identified so-called "double perovskites" with the general formula
AoMM’Xg as potential replacements. Here, we report results for the
charge carrier dynamics of the lead-free silver-bismuth double per-
ovskite Cs2AgBiBrg by employing time-resolved optical spectroscopy
and electrical measurements.[1] Upon photoexcitation, we identify fast
charge carrier cooling processes and pronounced coherent oscillations
in the picosecond range. This is consistent with strong electron-phonon
coupling. Furthermore, excitonic contributions are found. Electron-
hole recombination occurs in the time range from several hundred pi-
coseconds to microseconds. Implications of this charge carrier dynam-
ics for the energy conversion efficiency of this lead-free perovskite in
the real device will be discussed.

[1] R. Kentsch, M. Scholz, J. Horn, D. Schlettwein, K. Oum, T.
Lenzer, J. Phys. Chem. C, 122, 25940 (2018).

Charge Carrier

CPP 37.16 Wed 11:00 Poster Bl
Unravelling the origin of double peak emission of hybrid per-
ovskites — eKONSTANTIN ScHOTz!, ABDELRAHAM ASKAR?, WEI
PEnG®, DomiNik SEEBERGER!, Tanasi P. Guuar!, MUKUNDAN
THELAKKAT!, SVEN HOTTNER!, OsmMaN BAKR?, KARTHIK SHANKARZ,
ANNA K6HLER!, and FaBiaNn Panzer! — 1University of Bayreuth,
95440 Bayreuth, Germany — 2University of Alberta, Edmonton, AB
T6G 1H9, Canada — 3King Abdullah University of Science and Tech-

nology (KAUST), Thuwal23955-6900, Kingdom of Saudi Arabia

The optical properties of hybrid perovskites are known to be sensitively
interconnected with their structure, which is soft and thus prone for
changes. Double photoluminescence (PL) peaks have been reported
at low temperatures, and recently also at room temperature, though
there is still no consensus about the origin of this double PL peak struc-
ture. Here we show that the occurrence of the additional PL peak is
not limited to one specific material composition and that it occurs
in single crystals as well as in thin films, rendering it a general phe-
nomenon. We systematically investigate the origin of this additional
PL feature by measuring and analyzing temperature-dependent one-
and two-photon-induced PL. Together with fluence dependent mea-
surements, optical modelling and systematic surface treatments, we
can differentiate the impact of various possible physical and optical
effects such as e.g. self-absorption, excited state diffusion or surface
states, in order to gain a detailed and elaborated understanding on the
occurrence of multiple PL peak phenomena in hybrid perovskites.

CPP 37.17 Wed 11:00 Poster Bl
Using polymeric hole-injection layers for solution-processed
Perovskite-based light-emitting diodes — eTassiLo Nauvjoks?,

THOMAS MORGENSTERN', MANUEL ENGELMAYER!, MATTHEW
Jurow?, Y1 Liv2, and Worrcane Brourting! — !Institute of
Physics, University of Augsburg, 86135 Augsburg, Germany —

2Molecular Foundry, Lawrence Berkeley National Laboratory, Berke-
ley, CA 94720, United States of America

Replacing common organic emitters with Lead-Halide Perovskites, like
CsPbBr3, is a promising approach towards low cost, efficient and
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narrow emission-band LEDs. While showing high photoluminenscent
quantum-yields in thin films [1], achieving similarly high performance
in elec devices proves to be challenging. Protection of the hole injec-
tion layer either by shielding films or orthogonal solvents has a huge
effect on the optoelectronic properties. A hole-injection layer for a
solution-processed emitter should not be impaired by the respective
solvent. Such films can be formed by crosslinked polymers.

In this study we investigate the synergy of poly-TPD as hole-
injection polymer and CsPbBr3 quantum dots as emitter in an oth-
erwise common organic LED stack. Furthermore the use of different
polymers or combinations show significantly increased efficiency. The
efficiency proves to be correlated to the respective solvent susceptibility
of the layers. The findings are of huge importance for future applica-
tions of lead-halide perovskites in optoelectronic lighting applications.

[1] BECKER, MICHAEL, et. al. Nature 553, 189 (2018)

CPP 37.18 Wed 11:00 Poster B1
p-type doping of organic semiconductors with polycyclic ac-
ceptors — eADRIANA ROTTGER!, BERTHOLD WEGNER!, ANDREAS
Oritz!, and NorBERT Kocn2 — lInstitut fiir Physik & IRIS Adler-
shof, Humboldt-Universitét zu Berlin — 2Helmholtz-Zentrum Berlin
fiir Materialien und Energie GmbH

Predictions about ion pair formation (IPA) of organic donor/acceptor
blends can be made based on redox-potentials measured by cyclic
voltammetry in solution or based on ionisation energies (IE) / electron
affinities (EA) measured on thin films by direct / inverse photoelectron
spectroscopy. Here, we investigate the accuracy of these predictions
for two different organic semiconductor systems in solutions and thin
films. At first optical absorption spectroscopy is employed to deter-
mine IPA yield in mixtures of two pyrene derivatives as donors and
three polycyclic acceptors, which exhibit similar chemical structures.
Since the predictions from redox potential and IE/EA do not differ
significantly, both prove accurate. The second system consists of the
polymer P3HT doped with the same set of acceptors. Again, optical
absorption spectroscopy was used to determine the presence of ionic
molecular species as well as formed polarons in P3HT. These predic-
tions also prove accurate. In addition, scanning force microscopy and
current-voltage measurements were performed to examine the impact
of doping on surface morphology and electrical conductivity of P3HT
films, respectively.

CPP 37.19 Wed 11:00 Poster B1
Ultrafast photophysics of TIPS-tetracenophane — eCLEMENS
Zri1sER!, ANDREAs GOTTLER?, Luca MORETTI?, MARGHERITA
Maruri®, Gruio CERULLO®, TETSUHIKO Nacanara®#, HoLcer F.
BETTINGER?, and KATHARINA Brocu! — lInstitut fiir Angewandte
Physik, Universitiat Tiibingen, Germany — 2Institut fiir Organische
Chemie, Universitit Tiibingen, Germany — 3Dipartimento di Fisica,
Politecnico di Milano, Italy — 4Department of Chemistry and Mate-
rials Technology, Kyoto Institute of Technology, Japan

Singlet exciton fission is a process which could help to improve the
power-efficiencies of silicon solar cells by providing a solution to over-
come the Shockley-Queisser-Limit. Tetracene is one of the most
promising compounds for application as a singlet fission layer [1] and its
photophysical properties thus need to be well understood. Chemically
linked tetracene dimers [2] provide an opportunity to alter the relative
orientation of two tetracene monomers and, thus, to study its influence
on the singlet fission time constant. Here we report on the photophysics
of the linked TIPS-tetracene dimer TIPS-tetracenophane (TIPS-TCP)
[3], where the two tetracene monomers are doubly linked and facing
each other directly. Using transient absorption spectroscopy on thin
films of TIPS-TCP, we find a singlet lifetime significantly longer than
that of tetracene and interpret this finding as an ultrafast creation of
a triplet pair state, but a hindered separation of the two triplets.

[1] R. W. MacQueen et. al., Mater. Horiz. 5 (2018) [2] N. V. Ko-
rovina et. al., J. Am. Chem. Soc. 140 (2018) [3] H. F. Bettinger et.
al., Org. Chem. Front. 4 (2017)

CPP 37.20 Wed 11:00 Poster B1
Ab initio many-body study of the electronic structure of the
Lewis acid Tris(pentafluorophenyl)borane (BCF) — eRICHARD
ScHIER, ANA M. VaLENcIA, and CAaTERINA CoccHI — Physics Dept.,
Humboldt-Universitat zu Berlin und IRIS Adlershof

Doping in organic semiconductors is an attractive area of research for
molecular electronics. The Lewis-acid tris(pentafluorophenyl)borane
(BCF)[1] is a strong electron acceptor already successfully employed
as a p-dopant in organic semiconductors|2]. However, a clear under-
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standing of its electronic structure is still missing. We fill this gap in
a first-principles study based on density-functional theory with hybrid
functionals and many-body perturbation theory, including the GW ap-
proximation, as implemented in the MOLGW code[3]|. For comparison,
we relate BCF to its building block hexafluorobenzene (C6F6).

For BCF, we find that both the LUMO and the HOMO are non-
degenerate. The LUMO is mainly localized around the boron atom,
consistent with the electron-withdrawing character of this molecule.
On the other hand, the HOMO is distributed only on the phenyl-rings
without any participation of the boron. From GW, the HOMO energy
of BCF and C6F6 differs by about 250 meV, suggesting that these two
molecules have approximately the same ionization potential.

[1] Korte et al., Angew. Chem. 56, 8578 (2017) [2] Pingel et al.,
Adv. Electron. Mater. 2, 1600204 (2016) [3| Bruneval et al., Comput.
Phys. Commun. 208, 149 (2016)

CPP 37.21 Wed 11:00 Poster B1
The statistics of photoluminescence quantum yield measure-
ments — eFELIX FrIES, HEIDI THOMAS, MAX GMELCH, T1M ACHEN-
BACH, and SEBASTIAN REINEKE — IAPP, Technische Universitéat Dres-
den, 01187 Dresden, Germany

Measuring the photoluminescence quantum yield (PLQY) is both a
well-known and often used method within many different fields of lu-
minescent materials. Knowing a material’s PLQY not only allows es-
timating its use for applications but also gives further insights into
the physics within. Calculating the radiative rate of a fluorescent de-
cay is only one of many examples. The common setup comprises a
light-source for excitation, an integrating sphere, and a spectrometer
or photodiode for signal detection. However, to assure accurate results
the measurement relies on a very stable light source.

Here we show that even with low cost devices as LEDs, reliable values
with a low statistical error can be obtained. Therefore, we investigate
the importance of a right statistical treatment of the measured data.
Furthermore, sources of systematic errors in the setup can easily be
detected that way.

Evaluating the results of PLQY measurements on solid-state sam-
ples of organic molecules showing both fluorescent and phosphorescent
emission at room temperature (biluminescence), we are able to deduce
information about the singlet’s and triplet’s PLQY separately and also
about intermolecular interaction processes like singlet-triplet annihila-
tion.

CPP 37.22 Wed 11:00 Poster B1
Molecular design of A\S-phosphorus compounds for OLED
applications — eJurLiaNA NAIRr, Jonas KOHLING, GERD-VOLKER
ROSCHENTHALER, and VEIT WAGNER — Jacobs University Bremen,
Campus Ring 1, 28759 Bremen, Germany

Organic light emitting diodes (OLEDs) are one of the leading tech-
nologies used as active optoelectronic device in displays. Currently, in
OLED displays the most challenging quest is to synthesize and design
efficient and stable blue emitters. To achieve this goal it is of great in-
terest to evaluate possible molecules prior to synthesis and to optimize
their molecular design.

In this study a large amount, i.e. 151 derivatives, of A6-phosphorus
fluorescent compounds were evaluated regarding their light emitting
properties. As basic structure the central phosphorous atom is bound
to one derivative of 8-Quinolinol as well as 4 Fluorine atoms. 8-
Quinolinol was systematically varied by introduction of substituents
from strong electron withdrawing groups (EWG) towards strong elec-
tron donating groups (EDG). Besides the mesomeric and inductive
electron withdrawing and donating effects also the position of the sub-
stituent has a crucial influence on the calculated emitting wavelength
of these fluorophores. To determine the emitting wavelength of an iso-
lated molecule time-dependent density functional theory (B3LYP/6-
31+G(d,p)) was employed. EWGs tend to increase the bandgap if
placed on the benzene ring of the ligand, where EDGs show the same
effect when substituted on the pyridine ring of the ligand. This allows
to tune the calculated bandgap between 3.2 - 4.1 eV.

CPP 37.23 Wed 11:00 Poster Bl
Micro-Refractometry and Local-Field Mapping with Single
Molecules — AnDpREI V. Naumov!:2, ALEXEY A. GORSHELEV!,
MaxiM G. Grapusu!2, Tariana A. AnNikusHINALZ, ArLiNna V.
Gorovanoval:2, JUrRGEN KOHLER?%® and eLoTHAR KADOR3 —
nstitute for Spectroscopy, Russian Academy of Sciences, Moscow
108840, Russia — 2Moscow State Pedagogical University, Moscow
119435, Russia — 3 University of Bayreuth, Institute of Physics, 95440
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Bayreuth, Germany — *University of Bayreuth, Spectroscopy of Soft
Matter, 95440 Bayreuth, Germany — °Bavarian Polymer Institute,
95440 Bayreuth, Germany

Single-molecule spectroscopy at cryogenic temperatures was used to
measure and map the local index of refraction in a solid with nanometer
resolution. The natural zero-phonon linewidth of 1950 single terrylene
molecules in a matrix of polycrystalline n-hexadecane was measured at
T = 1.5 K where thermal broadening effects are absent. The linewidth
is then determined by the excited-state lifetime which depends on the
local density of states of the electromagnetic field, i.e., the local refrac-
tive index. The spatial resolution is on the order of a few nanometers;
it is given by the accuracy with which fluorescing single molecules can
be localized. Unexpectedly large fluctuations of the local refractive
index between 1.1 and 1.9 were found. Three different distance ranges
could be roughly identified, in which the fluctuations have different
magnitudes.

CPP 37.24 Wed 11:00 Poster Bl
Voltage-dependent shift of the emission spectra of exciplex
OLEDs — eTHOMAS SCHROTHER, THOMAS ZECHEL, and WOLF-
GANG BRUTTING — Institute of Physics, University of Augsburg, 86135
Augsburg, Germany

Exciplexes are excited states between two different molecules in an
organic light emitting diode (OLED). After electrical excitation, the
hole is located in the highest occupied molecular orbital (HOMO) of
the donor material and an electron occupies the lowest unoccupied
molecular orbital (LUMO) on the acceptor. These states are recently
used to improve the external quantum efficiencies in OLEDs.

In this work we investigated the electroluminescence spectra of the
material combination m-MTDATA:BPhen forming exciplex states in
OLED devices using two layouts, where the molecules were either
mixed or in separate planar layers. After varying the applied voltage,
it was possible to discern between two different kinds of spectral shifts
that depend on the layout by fitting the data with multiple Gaussian
functions. In the mixed OLED the positions of the individual peaks
are constant but their contribution to the emission changes. Whereas
every single Gaussian shifts with constant height in the planar device
resulting in a shift of the whole curve. Based on the theoretical descrip-
tion by Monkman and Al Attar [1] as well as Linderl [2], we present
two models to explain this observed difference.

[1] H. A. AL ATTAR, A. P. MoNKMAN, Adv. Mat. 28 (36), 8014 -
8020 (2016), DOT: 10.1002/adma.201600965

[2] T. LinpeErL, PhD thesis, University of Augsburg (2017).

CPP 37.25 Wed 11:00 Poster B1
Monitoring Singlet/Triplet Interconversion in OLEDs —
eULLI vOoN Goscinski, Dirk HERTEL, and KLaus MEERHOLZ — Uni-
versity of Cologne, Institute of Physical Chemistry, Luxemburger Str.
116, 50939 Cologne, Germany

In order to reach highest efficiencies in organic light-emitting diodes
(OLEDs), excitons from both, singlet as well as triplet states, have to
be harvested. Initially, they are distributed in a ratio of 1:3 accord-
ing to spin statistics. Usually, a conversion between these states by
intersystem crossing or reverse intersystem crossing is required to re-
alize highly efficient OLEDs e.g. devices based on thermally activated
delayed fluorescence (TADF) [1]-[2]. The rate of interconversion can
be directly manipulated by small magnetic fields (< 150 mT). We uti-
lize these magnetic field effects, namely magneto conductivity (MC),
magneto electroluminescence (MEL) and magneto photoluminescence
(MPL) to monitor singlet/triplet conversion events. The correlation of
MEL and MPL is essential to clarify the underlying mechanism because
of the different initial population of the singlet and triplet levels upon
electro- or photoexcitation. Temperature dependent luminescence and
conductivity measurements allow further insights in the nature of spin
state conversion in organic emitter molecules.

[1] Zhang, Q. et al., Nat. Photonics 8, 326-332 (2014).

[2] Kaji, H. et al., Nat. Commun. 6, 8476 (2015).

CPP 37.26 Wed 11:00 Poster B1
Kinetic Monte Carlo simulations of energy transfer processes
in an organic light emitting diode — eLEANNE PATERSON and
DEeNIs ANDRIENKO — Max Planck Institute for Polymer Research,
Ackermannweg 10, 55128 Mainz, Germany

Organic light emitting diodes (OLEDs), utilise small organic molecules,
in order to achieve an emissive electroluminescent layer. Ultra-thin,
lightweight and flexible characteristics offer a highly enticing substi-
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tute, in comparison to their inorganic counterpart. It is therefore un-
derstandable why there has been a large amount of research, focused
on enhancing the efficiency and stability of OLEDs. However, achiev-
ing a blue OLED, which is both efficient and stable, has proven to
be problematic. The challenge originating with the limitations of the
individual blue emitters, be that phosphorescent or fluorescent. Com-
mercially, stability is prioritised, in order to achieve a long-lived con-
sumer product, but with battery life on portable devices being the cost
of any inefficiency, it is vital that blue OLEDs become more efficient.
By developing a Kinetic Monte Carlo (KMC) code, for the study of
excited molecule energy transfer, the individual emitters can be stud-
ied. Making direct comparisons to experimentally achieved results, it
is possible to investigate processes, such as Forster resonance energy
transfer (FRET) and Dexter energy transfer. Using the KMC code a
unicoloured phosphor-sensitised fluorescence (UPSF) OLED and the
corresponding energy transfer processes are explored. The fundamen-
tal efficiency and lifetime limits are identified, providing a clear insight,
and expanding on experimentally achieved results.

CPP 37.27 Wed 11:00 Poster B1
Derivates of Imidazo[l,5-a]pyridine as Blue Light-Emitters
for OLED — eGreorRG ALBRECHT!, CARINA ROssIGER?, Jas-
MIN MarrHA HERRZ, HArRALD Locke?, Hisao YaNacr®, RICHARD
Gorrricn?, and DERcK SCHLETTWEIN! — ! Justus-Liebig-Universitit
GieRen, Institut fiir Angewandte Physik — 2Justus-Liebig-Universitt
GieRen, Institut fiir Organische Chemie — 2Nara Institute of Science
and Technology

1,3-disubstituted imidazo[1,5-a]pyridines are discussed for applications
in material science as new and oxidation-stable blue emitters, e.g. for
organic light emitting diodes (OLED). We investigated the stepwise
change of physical properties in solution and solids when introducing
nitrogen atoms and/or increasing sizes of aromatic rings as substitu-
tional moieties. As an extension, a larger homologue, i. e., imidazo[1,5-
a]quinoline was also studied. Absorption and emission spectra as well
as quantum yields were measured and interpreted based on DFT cal-
culations. Single crystals were grown from solution or by entrainer
sublimation and thin films were prepared by physical vapor deposi-
tion. Fluorescence microscopy was used to investigate on crystal emis-
sion. Comparing the results obtained at thin films and in solution,
the molecular coupling in the different phases is assessed and their
applicability in OLED devices is discussed.

CPP 37.28 Wed 11:00 Poster B1
Excimer formation in carbazole-based host materials for
OLEDs — eEmanTas Dupal, ALEXANDER RuDNICK!, SERGEY
Bacnicu!, DANIEL WaGNER?, PETER STROHRIEGL?3, and ANNA
KoHLERD3 — 1Soft Matter Optoelectronics, Department of Physics,
University of Bayreuth, Germany — 2Macromolecular Chemistry
I, Department of Chemistry, University of Bayreuth, Germany
— 3ayreuth Institute of Macromolecular Research, University of
Bayreuth, Germany

We present a detailed spectroscopic study on bipolar OLED host ma-
terials in solution and in neat film from 10K to room temperature.
The hole-transporting part is based on the carbazole moiety, while the
electron-transporting part is based on triazine moiety. We find that the
tendency to excimer formation depends sensitively on the planarity of
the molecule, counterintuitively with more excimer formation for the
planar ones. Quantum chemical calculations indicate that this results
from excited state localization onto the outer carbazole moiety for the
non-planar compounds.

CPP 37.29 Wed 11:00 Poster B1
Density of States at the Interface of Organic Permeable-
Base Transistors — eHENNING ISEKE, FELIX DOLLINGER, HANS
KreeMmanN, and KarRL LEo — Dresden Integrated Center for Applied
Physics and Photonic Materials (IAPP), Dresden, Germany

Organic permeable-base transistors (OPBT) are among the best per-
forming organic transistors reaching on/off ratios of >10% and transi-
tion frequencies of >40 MHz. These vertical transistors resemble solid-
state triodes where the current is controlled by the potential of a per-
meable electrode denoted as base. As for other organic transistors,
the knowledge of the interfacial density of states is a key in order to
develop an in-depth understanding of the device operation as well as
degradation processes. However, for OPBTs, this interfacial density of
states has not been revealed so far.

D.V. Lang et. al proposed a method to determine the density of
states in organic field effect transistors by means of temperature depen-
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dent transfer characteristics. Here, we validate this method and discuss
under which conditions it is applicable to OPBTs. Furthermore, we
carry out systematic device investigations under various stress condi-
tions, and discuss how this stress affects the interfacial density of states.
This study helps to develop a deeper understanding of the underlying
mechanisms of degradation in OPBTs. Moreover, it enables more sys-
tematic approaches for device optimization due to the knowledge of
the interfacial density of states.

CPP 37.30 Wed 11:00 Poster B1
Influence of Humidity on Work Function of PEDOT:PSS
Thin Films — eAmMaN AnanD!2, Rico MEerTzNerY2, SHAHIDUL
Avam®2, UrricH S. ScuuBerT!H 2, and HaraLp Hoprpe!:2 — 1 Center
for Energy and Environmental Chemistry Jena (CEEC Jena), Friedrich
Schiller University Jena, Jena, Germany — 2Laboratory of Organic
and Macromolecular Chemistry (IOMC), Friedrich Schiller University
Jena, Jena, Germany

Poly (3,4-ethylenedioxythiophene): poly (styrene sulfonate) (PEDOT:
PSS) is the most common and successful commercial conductive poly-
mer used in the field of optoelectronics. Its properties are high trans-
parency in the visible range, high electrical conductivity, excellent
chemical and physical stability, high ductility, good film-forming prop-
erties, and high work function among the other polymers. PEDOT:
PSS is highly hygroscopic in nature, which limits its applications. In
the present work, the influence of moisture content due to hygroscop-
icity of the PEDOT: PSS thin film is in regard to the change of work
function. Different modifications on the PEDOT: PSS which wants to
lead to better compatibility in forming contacts with organic semicon-
ductors.

CPP 37.31 Wed 11:00 Poster B1
IR spectroscopic investigation of precursor aromatization of
poly(p-phenylene) — eRaINER BAUERLE'2, ALl ABDULKARIMZ,
KARL-PuiLipp STRUNK!*4, JAN FREUDENBERG?3, DANIEL JANscH?Z:3,
SEBASTIAN BEck!?, and ANNEMARIE Puccr'»2 — 1Kirchhoff-Institut
fiir Physik, Universitat Heidelberg — ?InnovationLab, Heidelberg —
30Organisch-chemisches Institut, Universitit Heidelberg — 4Centre for
Advanced Materials, Universitiat Heidelberg

Two challenges of the long-desired prototype of a conjugated polymer
semiconductor poly(para-phenylene) (PPP) are its difficult synthesis
and its insolubility. Both problems have been recently overcome by
a new precursor route. [1] We investigate and compare the thermal
aromatization of a kinked and a linear precursor polymer using IR
spectroscopy and UV-vis ellipsometry on thin films.

For a kinked precursor polymer we find that the aromatization speed
increases with increasing temperature and decreases with decreasing
layer thickness yielding unordered PPP induced by the unordered pre-
cursor.

In contrast to this, the aromatization kinematics of a linear precur-
sor is independent from layer thickness and already the thin film of
the precursor exhibits near-range order which is passed through to the
converted PPP. The low conversion temperature (<250 °C) makes our
PPP feasible for fabrication of plastic devices. It was further proven
that PPP is long-time stable and shows no degradation.

[1] A. Abdulkarim et al., J. Am. Chem. Soc., 2016, 138 (50), pp
16208-16211

CPP 37.32 Wed 11:00 Poster B1
Polarisation anisotropy in organic guest-host systems —
eFELIX HOHNLE, THOMAS MORGENSTERN, and WOLFGANG BRUT-
TING — Institute of Physics, University of Augsburg, 86135 Augsburg,
Germany

Exciting dye molecules with linearly polarised light leads to an
anisotropic excited state population of the emitters’ transition dipole
moments (TDMs). Depending on different depolarisation effects be-
fore light emission —such as rotational diffusion (mostly in solutions),
intra- and intermolecular exciton migration or conformational changes
of molecules— the emitted light can also be partly polarised. The ex-
tent of the latter is quantified by the anisotropy value r. It relates the
intensities emitted with polarisation parallel and perpendicular with
respect to the polarisation of the exciting light.

In this work we probed thin solid films of commonly used organic
emitters doped into a matrix. It could be shown that polarisation
anisotropy can be increased by decreasing the dye concentration in the
guest-host system, which must be due to reduced intermolecular exci-
ton transfer since no other processes should be present in a solid film.
Depending on the exact material, values close to the theoretical maxi-
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mum of r = 0.4 were reached. Additionally, we see that excess energy
of excitons affects the migration process and thus the anisotropy.
The above effect can also influence TDM orientation measurements
which aim to improve device efficiencies. At low dye concentrations,
the hindered equilibration of excitons to all orientations upon light
emission can lead to erroneous (pseudo-horizontal) orientation values.

CPP 37.33 Wed 11:00 Poster B1
Comparison of a solution-based doping process and doping
via coevaporation for thin layers of organic semiconductors
— eMaRrI1Uus GEBHARDT, THERESA LINDERL, EDUARD MEISTER, and
WoLrrcaNG BRUTTING — Institute of Physics, University of Augsburg,
Germany

For the use of organic layers in thermoelectric devices a high electrical
conductivity and Seebeck coefficient combined with low thermal con-
ductivity is essential. In this work we focus on increasing the electrical
conductivity by different doping approaches.

Thin evaporated layers of the electron donor molecules DIP, 6T and
DBTTF, on top of which the strong electron acceptor F4-TCNQ dis-
solved in solution was spincoated, are compared to coevaporated lay-
ers with F6-TCNNQ as the electron acceptor. To study the degree of
doping as well as to discern between ion pair (IPA) and charge trans-
fer complex (CTX) formation the transmission spectra of the samples
were measured. The impact of the doping processes on the surface and
bulk morphology was examined via atomic force microscopy and X-ray
diffraction. Strong indications for the formation of charge transfer
crystals are observed in some of the discussed material combinations.
First conductivity measurements, however, indicate that the electrical
transport is affected in different ways.

CPP 37.34 Wed 11:00 Poster Bl
From spin-coating to slot-die printing in organic solar cells:
Where do we lose the efficiency? — eDaNIEL KRroH!, JEGADE-
saN Susbian?, DoosiNn Vak®, Davip Jones?, and ANNA KOHLER!
— 1Soft Matter Optoelectronics, University of Bayreuth — 2School
of Chemistry, Bio21 Institute, University of Melbourne, Australia —
3CSIRO Manufacturing, Melbourne, VIC 3168, Australia

The field of solution-processed organic solar cells (OSCs) has been
dominated by polymeric semiconductors, though molecular materials
with high power conversion efficiencies (PCEs) in OSCs have been
reported and are attractive due to their reduced batch-to-batch vari-
ation. For example, devices based on the donor molecule BQR are
thermally stable and show a low thickness dependence of the active
layer with PCEs reaching 10.7%. These properties suggest BQR as
an excellent choice for roll-to-roll processing, which is relevant for in-
dustrial fabrication. However, within the transition from spin coated
to slot-die printed devices a drop in efficiency appears. Although this
drop is commonly observed, its reason is not clear. We use time re-
solved and temperature dependent UV-Vis absorption and photolu-
minescence spectroscopy to investigate the formation of spin-cast and
slot-die coated films and the resulting morphology in-situ during the
deposition process of BQR:PC70BM blends. Comparing the two de-
position methods allows us to get a better understanding of the cor-
relation between film morphology and device performance. With this
insight, we can optimize the conditions of the slot-die printing pro-
cess to reduce the drop in PCE, which is an important step towards
industrial fabrication.

CPP 37.35 Wed 11:00 Poster Bl
Understanding the mechanism behind the novel doping of or-
ganic semiconductors via Lewis Acids — eSiMoN BIBERGER!,
VikTor Brus?, Davip Cao?, BRETT Yurasu?, DIRK LEIFERTS,
Trauc-QuyEN Ncuyven?, and Anna KouLER! — !Experimental
Physics II, University of Bayreuth, Bayreuth, Germany — 2Center
for Polymers and Organic Solids, UCSB, Santa Barbara, USA —
30rganisch-Chemisches Institut, Westfilische Westfalische Wilhelms-

Universitat, Miinster, Germany

To p-dope organic semiconductors FATCNQ is commonly used. This
doping mechanism relies on the electron transfer from the HOMO of
the semiconductor to the LUMO of the dopant. This occurs by a
match of those energy levels. For a solution-processed semiconductor
this approach suffers from the differential solubility of the dopant, the
charge-transfer complex and of the polymer what ultimately limits the
processability of the doped semiconductor. In this study we use elec-
trophilic Lewis acids to p-dope conjugated polymers. Work by Zalar et
al. (Adv. Mat. 2014, 26, 727-727) showed an increased mobility after
addition of Lewis acid. Yet the mechanism behind this doping ap-
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proach is still elusive. To understand this approach we systematically
investigate the effect of structural and electronic factors by varying,
e.g., the donor and acceptor strength of the polymer. Optical and
electrical characterization, using, e.g., optical spectroscopy and EPR,
were performed to understand the influence of the adduct formation
on the properties of the polymer.

CPP 37.36 Wed 11:00 Poster B1
Consequences of Ionic Adsorption on the Photovolt-
age in Dye-sensitized Solar Cells — eRAFFAEL Russs!,
SABINA SCARABINOZ?, ANDREAS RINGLEB!, KAZUTERU NONOMURAZ,
NikoLaos VwiacHorouros®, ANDERS HaGFELDT®, GUNTHER
Wirtstock?, and DERCK SCHLETTWEIN! 1 Justus-Liebig-
Universitit Gieen, Institut fiir Angewandte Physik — 2Universitét
Oldenburg, Institute of Chemistry — 3Ecole Polytechnique Federale

de Lausanne, Institute of Chemical Sciences and Engineering

Reversible redox couples that allow faster charge transfer than the clas-
sical I~ /I can improve the performance of dye-sensitized solar cells
(DSSCs). In our work we study a cationic Co-based redox couple that
promises high open-circuit photovoltages V,. by reducing the energy-
loss during the dye regeneration process. However, we found that such
cations lead to different surface reactions with oxide semiconductors
compared to the anionic I~ /I; . By using photoelectrochemical and
optical techniques we noticed that the semiconductor surface charge
plays a major role in determining V,. by stabilizing or destabilizing
the electronic states in the semiconductor. Further, light-harvesting
of the dye is influenced by electric fields arising from adsorbed ions at
the semiconductor surface inducing a Stark effect on the molecular or-
bitals. We conclude that the ionic character of electrolyte components
such as the redox couple or electrolyte additives significantly influence
the energetics in the cell and, thus, V.. Our work shows that the
control of semiconductor surface charge is key in improving the DSSC
performance.

CPP 37.37 Wed 11:00 Poster B1
Comparison of sequential and solution-mixed doping of
poly(3-hexylthiophene) in thin films using the Lewis acid
BCF — eDoMINIQUE LuncewiTz!, AHMED E. MaNsoUR!, ANDREAS
Oritz!, and NorBERT Kocn2 — lInstitut fiir Physik & IRIS Adler-
shof, Humboldt-Universitét zu Berlin — 2Helmholtz-Zentrum Berlin
fiir Materialien und Energie GmbH

Molecular doping of organic semiconductors is a commonly used tech-
nique to increase the conductivity and tune the electronic structure.
Sequential doping method allows for an improved film morphology
with controlled dopant load by avoiding agglomeration of polymer and
dopant before deposition as observed partially for solution-mixed dop-
ing [1]. Herein, we investigate the changes in the electronic structure
by photoemission spectroscopy and dopant distribution for sequentially
and solution-mixed doping of poly(3-hexylthiophene) (P3HT) in regio-
random (RRa) and regioregular (RRe) forms. The Lewis acid dopant
tris(pentafluorophenyl)borane (BCF) is applied for p-doping. We find
that the solution-mixed process results in homogeneous bulk doping
with an increase in the ionization energy for both P3HT regularities.
However, for sequential doping by vapour exposure of thin RRa-P3HT
films, a saturation for the BCF load is found at the surface and Fermi-
level pinning is observed due to interfacial doping of the top polymer
surface. Furthermore our results demonstrate that dopant molecules
tend to diffuse more in RRe-P3HT than in RRa-P3HT films once they
are sequentially doped and result in intermixed doped P3HT similar
to solution mixed doping.

CPP 37.38 Wed 11:00 Poster B1
Thiophene based Semiconductors and Graphene Oxide
for Organic Solar Cells — eRoy SCHAFFRINNAL'2, MARTINA
ScuwaGeRr?, and PETER MULLER-BuscuBaum! — !TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching —
2Hochschule Miinchen, Fakultét fiir Angewandte Naturwissenschaften

und Mechatronik, 80335 Miinchen

The polymers poly(3-hexylthiophene), poly(3-thiopheneacetic acid),
poly(3-thiopheneethanol) and the related copolymers are prepared
starting from the respective monomer units by chemical oxidative poly-
merization. Graphene has also been oxidized to graphene oxide, which
due to its functional groups is much more soluble in organic solvents
and forms far more homogeneous layers than pure graphene and is
also liquid processable. The synthesized molecules are used either as
electron donor or electron acceptor in the organic solar cell and are
characterized via infrared, absorption and fluorescence spectroscopy.
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The organic materials are electrically conductive due to their extended
conjugated m-electron system and therefore require neither heavy met-
als / heavy metal complexes nor dopants for charge transport and can
be easily deposited via spin-coating from a solution.

CPP 37.39 Wed 11:00 Poster B1
Molecular orientation of diketopyrrolopyrrole (DPP)-based
donor-acceptor copolymers in thin films — ANDREAs Frou!,
oSVEN BoOLkr!, FLorRIAN TRILLING?, ULLRICH SCHERFZ, THOMAS
Cuassg!, and HEiko Priserr! — !Institute of Physical and Theoreti-
cal Chemistry, University of Tuebingen, Auf der Morgenstelle 18, 72076
Tuebingen, Germany — 2Makromolekulare Chemie und Institut fiir
Polymertechnologie, Bergische Universitdat Wuppertal, Gaussstrasse
20, 42119 Wuppertal, Germany

Novel low band gap (LBG) polymers are interesting materials for
organic-based devices because of their high absorption in the solar
spectrum and favourable electronic properties. For applications, the
self-organization in thin films is an important issue in which the chemi-
cal structure determines largely the arrangement of the polymer chains.

Promising materials in this context are diketopyrrolopyrrole(DPP)-
based donor-acceptor copolymers, where the DPP unit is inscribed
into a double-stranded ladder framework leading to partially ladderized
step-ladder polymers with high charge transfer mobilities, attributed
to the highly aggregated, m-stacked conformation of DPP.

In the present study, we use polarization dependent IR spectroscopy
in transmission to investigate the preferred orientation of DPP-based
donor-acceptor copolymers in about 300 nm thin films. Analyzing
vibrations with differently oriented transition dipole moments, we dis-
cuss the preferred molecular orientation of the polymers in context
with the chemical structure. Transition dipole moments were calcu-
lated using DFT.

CPP 37.40 Wed 11:00 Poster Bl

Following the morphology formation of printed non-fullerene
active layer for solar cells — oXiNvu Jiang!, SEBASTIAN

GrorT!, ToMmMmaso RicarreLLr’, VoLkER KOrsTGENs', KERSTIN
WIENHOLD!, MATTHIAS SCHWARTZKOPF?, STEPHAN V. Rora3,
WEI Caol, SmansHaN YIn!, Lin Sonc!, and PETER MULLER-

BuscuBaum! — 'TU Miinchen, Physik-Department, LS Funktionelle
Materialien, 85748 Garching — 2DESY, Notkestr. 85, 22607 Hamburg
— 3KTH, Department of Fibre and Polymer Technology, SE-100 44
Stockholm, Sweden

Bulk heterojunction (BHJ) organic solar cells have gained significant
improvements via novel organic synthesis methods and optimized fabri-
cation routes, especially with respect to their potential roll-to-roll pro-
cessing for large-area device manufacturing. Printing techniques allow
for up-scaling to industrial-oriented scale which is not the case for lab-
oratory deposition techniques like spin coating. In the present work,
we fabricated an active layer which contains a low band gap donor
polymer(pffBT4T-2DT) with a non-fullerene acceptor(EH-IDTBR) for
solar cells by using a slot-die printing technique. To observe the struc-
ture formation of polymer domains at a larger length scale, grazing
incidence small-angle X-ray scattering (GISAXS) was used in-situ dur-
ing the printing process. BHJ solar cells based on printed active layer
film were fabricated, which showcases the suitability of the printing
technique.

CPP 37.41 Wed 11:00 Poster Bl
Investigation on the influence of morphological modifications
on the power-conversion efficiency of fullerene-free organic
solar cells — eGoraN IvKkovic IVANDEKIC, SEBASTIAN GROTT, and
PeETER MULLER-BuscuBauM — TU Miinchen, Physik-Department,
LS Funktionelle Materialien, 85748 Garching

Highly efficient organic solar cells have received significant attention
in recent years. The properties, such as light weight, flexibility and
the possibility to be processed at low cost, allow a wide range of appli-
cation in the field of electronic devices. Although great progress has
been made with fullerene-based cells, weak light absorption in the vis-
ible spectrum along with high production costs of fullerene derivatives
is motivating the increased effort in developing a promising alterna-
tive. This study attempts to further improve fullerene-free organics
solar cells by modifying the morphology of the photo-active layer. To
substitute the fullerene, ITIC is chosen, and a low-bandgap PBDB-T
is used. Different PBDB-T:ITIC bulk-heterojunction blends are pro-
cessed by varying the solvents. The prepared solar cells are charac-
terized using several experimental techniques. To get insight into the
inner morphology of the applied bulk-heterojunction grazing-incidence
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small-angle X-ray scattering (GISAXS) and grazing-incidence wide-
angle X-ray scattering (GIWAXS) are used. These information are
related to photo-electronic characteristics obtained from UV-vis and
PL measurements and current density-voltage curves, in order to get
a full understanding of the applied donor-acceptor system.

CPP 37.42 Wed 11:00 Poster Bl
Photophysical properties of ternary non-fullerene organic so-
lar cells — eAL1 SaHIN, Dirk HERTEL, and KLAus MEERHOLZ —
University of Cologne, Luxemburgerstr.116, Cologne, Germany

Organic solar cells (OSC) are considered an attractive alternative to
conventional inorganic solar cells. The benefits OSC offer, result from
their favorable low-cost fabrication and their application in thin-film
form. The active layer of an OSC is typically composed of two com-
ponents in a bulk-hetero junction (BHJ) mixture, an electron donor
(p-type semiconductor) and an electron acceptor (n-type semiconduc-
tor). Upon light excitation the formed exciton has to diffuse by typ-
ically 10-30nm to reach to D-A interface, where it dissociates into
free charge carriers. Fullerene derivatives have dominated as acceptors
for many years, but recently non-fullerene acceptors - mostly of ADA
motif - have entered the scene [2]. Ternary BHJ cells with three com-
ponents in the active layer represent one way to finetune the interface.
Therefore, a series of new n-type ADA-acceptors were investigated
with regard to their photophysical properties and in combination with
various p-type conjugated polymers. Conductivity measurements of
the neat materials and mixtures were carried out in field-effect tran-
sistors and compared with the photo-CELIV and TPV measurements
in corresponding BHJ films. The charge carrier lifetime and the re-
combination rates were determined in order to correlate the molecular
properties and BHJ properties in the thin-film with the photovoltaic
parameters in binary and ternary OSC.
[2] Y. Lin et al., J. Am. Chem. Soc., 2016, 138(9), 2973-2976.

CPP 37.43 Wed 11:00 Poster B1
N-type Cgo thin films for thermoelectric applications —
eKONSTANTIN BARKO!, ALEXANDER STEEGER!, and JENs PrLaum!:2
— lExperimental Physics VI, Julius Maximilian University of
Wiirzburg, 97074 Wiirzburg — 2Bavarian Center for Applied Energy
Research (ZAE Bayern), 97074 Wiirzburg

Efficient waste heat recovery by thermoelectric generators requires p-
and n-type semiconductors with high figures of merit zT=0 S2T/x.
Therefore, it is a key challenge to find materials with a high ratio of
electrical conductivity o to thermal conductivity . In this regard,
organic semiconductors appear an appropriate class of compounds as
they offer low thermal conductivities and can be doped to increase
their electric conductivities. However, the search for stable n-dopants
turns out to be challenging. As a promising host, fullerene Cgo thin
films has shown k-values as low as 0.16 W/(mK)[1] and have been
successfully n-doped with acridine orange base [2]. Using this material
combination as a starting point, we analyze the thermoelectric charac-
teristics of n-doped Cgo thin films as function of dopant concentration
in the relevant temperature range from 300 K to 400 K. The transport
properties are discussed in relation to the underlying thin film mor-
phology estimated by AFM and X-ray diffraction. Furthermore, we
pursue the concept of tuning the relative positions of transport-level
and Fermi-energy which determines the macroscopic Seebeck coeffi-
cient S. These results are discussed in view of implementing n-doped
fullerene layers in thin film thermoelectric generators. [1] M. Sumino
et al. Appl. Phys. Lett. 99(2011)093308 [2] F. Li et al. J. Appl. Phys.
100(2006)023716

CPP 37.44 Wed 11:00 Poster Bl
Investigating Triplet Exciton Losses in PBDB-T:ITIC
Bulk Heterojunction Solar Cells — eJOHANNES JUNKER!,
Maria KoTtoval, ALBERTO PRIVITERAZ, ANDREAS SPERLICH!, and
ViapiMiR Dyakonov! — lExperimental Physics VI, Julius Maxi-
milian University of Wiirzburg, 97074 Wiirzburg — 2Department of

Physics, Oxford University, Oxford, United Kingdom

Organic bulk heterojunction solar cells based on small molecule
non-fullerene acceptors (NFA) received a lot of attention in the
past few years as their power conversion efficiency rapidly ex-
ceeded the 13% mark. So far, little is known about the pho-
tophysics of Polymer:NFA blends. By using spin-sensitive tech-
niques, i.e. photoluminescence and electrically detected magnetic
resonance (PLDMR, EDMR), we investigated triplet exciton genera-
tion in films of neat Poly[(2,6-(4,8-bis(5-(2-ethylhexyl)thiophen-2-yl)-
benzo|1,2-b:4,5-b’|dithiophene))-alt-(5,5-(1’,3’-di-2-thienyl-5’,7’-bis(2-
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ethylhexyl)benzo[1,2’-c:4’,5’-c’|dithiophene-4,8-dione)| (PBDB-T),
3,9-bis(2-methylene-(3-(1,1-dicyanomethylene)-indanone))-5,5,11,11-
tetrakis(4-hexylphenyl)-dithieno|2,3-d:2’,3’-d’]-s-indaceno[1,2-b:5,6-
b’|dithiophene (ITIC), their blends and solar cells. In all films we
found triplet excitons and CT states at low temperatures. However,
in devices operated at ambient conditions, the triplets disappear. We
discuss these results in a picture of strongly suppressed triplet exciton
generation compared to fullerene-based solar cells.

CPP 37.45 Wed 11:00 Poster B1
Investigating the influence of morphology on the charge-
carrier mobility in organic field-effect transistors — eToBIAS
Meier!, Heinz BAssLer!2, and ANNa KoOHLER!2 — 1Soft matter
optoelectronics, University of Bayreuth, 95440 Bayreuth, Germany
— 2Bayreuth Institute of Macromolecular Research, University of
Bayreuth, 95440 Bayreuth, Germany

For organic semiconductors it is well known that the charge-carrier
mobility depends sensitively on the morphology of the organic semi-
conductor film. The charge-carrier mobility is one of the most im-
portant properties for the application of organic semiconductors as it
determines the performance of devices such as organic solar cells and
field-effect transistors (OFETs). However, computational models to
investigate this morphology-mobility relationship are still rare. Here,
we have developed a kinetic Monte Carlo model approach to simulate
charge transport in OFETs that greatly reduces the computational
costs at higher charge-carrier concentrations through an effective en-
ergy landscape. This is necessary in order to simulate larger device
sizes enabling the introduction of morphological aspects. Our model
enables us to study the influence of conjugation length and their align-
ment in the film in the charge transport process.

CPP 37.46 Wed 11:00 Poster B1
Dipolar doping of organic semiconductors to enhance carrier
injection — eALEXANDER HorMaNN!, VIVIEN WEssELs!, SiMoN
ZUFLEZ, STEPHANE ArLTazIN?, KoHE! SHIMIZU®, BEAT RUHSTALLERZ,
Hisao Isui3, and WoLrcane BrUTTING! — llInstitute of Physics,
University of Augsburg, 86135 Augsburg, Germany — 2Institute of
Computational Physics, ZHAW, 8401 Winterthur, Switzerland —
3Center for Frontier Science, Chiba University, Chiba, 263-8522 Japan

We have investigated the prototypical polar organic system N, N’-Di(1-
naphthyl)- N, N’-diphenyl-(1,1’-biphenyl)-4,4’-diamine (NPB) doped
with tris-(8-hydroxyquinolate) aluminum (Algs) in different ratios by
various electrical and optical techniques. Throughout all devices and
measurements, a maximum of injected charge carriers and current for
low to moderate doping ratios is observed. The strong dipole moment
of polar organic materials like Alqs, if not oriented perfectly isotropic,
will lead to the buildup of a giant surface potential (GSP). It has been
shown previously, that depending on polarity and carrier species, in-
jection can be improved or hindered!. By combining electrical? and
optical measurements as well as simulations, we find a complex rela-
tion of positive and negative effects on overall device performance that,
besides the influence of the GSP on injection and doping on transport,
also reveal a change in NPB energy levels provoked by the dipolar
surrounding.

[1] Organic Electronics 39, 244-249 (2016) [2] Journal of Applied
Physics 122, 115502 (2017)

CPP 37.47 Wed 11:00 Poster Bl
Charge transfer effects in donor and acceptor mixed systems
of DNTT and PDIF-CN; — eNADINE RUSSEGGER, LENA MERTEN,
ALEXANDER HINDERHOFER, and FRANK SCHREIBER — Institut fir
Angewandte Physik, Universitat Tiibingen, Germany

One very important and fundamental process for organic semiconduc-
tors (OSCs) is the charge transfer effect between electron donor and
electron acceptor molecules.

In this work, the charge transfer effect of weakly interacting
organic semiconductor thin film mixtures is comprehensively in-
vestigated. We choose dinaphtho[2,3-b:2’,3’-f]thieno|3,2-b|thiophene
(DNTT) as donor and N,N’-1H,1H-perfluorobutly-dicyanoperylene-
3,4:9,10-bis(dicarboxyimide) (PDIF-CN3) as acceptor.

The structural, optical and electronic properties of the intermolecu-
lar interactions were characterized using a range of experimental meth-
ods. The structure of the mixed phase polymorph was evaluated by
surface X-ray scattering. The charge transfer in the equimolar mixed
film of DNTT and PDIF-CN2 was characterized by absorption, pho-
toluminescence as well as in-situ differential reflectance spectroscopy.

The results allow us to determine correlations between structural
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properties and charge transfer effects within the mixed systems of
DNTT and PDIF-CNa.

CPP 37.48 Wed 11:00 Poster B1
Mixing behaviour of small molecule organic semiconduc-
tors 6T and PDIF-CN; — eLENA MERTEN, NADINE RUSSEGGER,
ALEXANDER HINDERHOFER, and FRANK SCHREIBER — Institut fiir
Angewandte Physik, Universitdt Tiibingen, Germany

Mixtures of small molecule organic semiconductors are a promising
research field due to their various applications in organic electronics.
For most applications a specific degree of order and mixing is desired,
thus the mixing behaviour of dissimilar organic molecules is to be in-
vestigated.

We prepared thin films from mixtures of a-sexithiophene
(6T) and N,N’-1H,1H-perfluorobutyl-dicyanoperylene-3,4:9,10-
bis(dicarboxyimide) (PDIF-CN32), as donor and acceptor type
molecules, respectively.

The mixed films exhibit strong long-range phase separation. Film
properties were characterized structurally and optically during and af-
ter growth. The structural characterizations were done post-growth
by AFM and X-ray scattering, the optical investigation by absorption
spectroscopy, photoluminescence and ellipsometry, complemented by
in-situ differential reflectance spectroscopy to monitor the evolution of
optical properties during growth.

CPP 37.49 Wed 11:00 Poster B1
Morphology Formation and Stability of Organic Supramolec-
ular Structures — eAsEnNA CgrHAN!, CHRISTOPHER GREVE!,
MicHAEL BucHHORN!, BERND WITTMANNZ, FELIX WENZEL3, HANS-
WERNER ScumIiDT?, RicnARD HiLDNER?4, and Eva M. Herzig! —
IDynamik und Strukturbildung-Herzig Group, Universitidt Bayreuth,
Universitétsstr. 30, 95447 Bayreuth — 2Lehrstuhl fiir Spektroskopie
weicher Materie, Universitdt Bayreuth, Universitatsstr. 30, 95447
Bayreuth — 3Makromolekulare Chemie I, Universitit Bayreuth, Uni-
versititsstr. 30, 95447 Bayreuth — 4Zernike Institute for Advanced
Materials, University of Groningen, Nijenborgh 4 9747 AG Groningen,
Netherlands

Organic, supramolecular systems can exhibit extreme transport prop-
erties. To understand such fascinating material properties, we study
the morphology of such systems under various external conditions.
As the aromatic interactions have great effects on the temperature-
dependent dynamic behaviour of supramolecular assemblies, the tem-
perature studies were combined with scattering experiments. Using
chemically different material systems and studying their structure in
various solvents in solution, but also in thin films, we systematically
investigate the importance of chemical composition versus processing
conditions on the final self-assembled (super-)structure. The tempera-
ture studies with simultaneous scattering and photoluminescence mea-
surements, furthermore, lend us insights into the stability and forma-
tion of such organic, supramolecular structures.

CPP 37.50 Wed 11:00 Poster Bl
influence of UV-light on charge injection across hybrid metal
oxide/organic interfaces — eMEysaM Raouri, ULRICH HORMANN,
and DIETER NEHER — Institute of Physics and Astronomy, University
of Potsdam, Potsdam

Selective charge injection into organic semiconductors is crucial for the
performance of organic opto-electronic devices. Surface modification
of metal oxides with self-assembled monolayers (SAMs) allows engi-
neering of the work function (WF) to align with the charge transport
levels of organic semiconductors. [1] At the same time, it has also
been shown that irradiation with UV-light (light-soaking) has a pro-
nounced effect on the electronic properties of metal oxides [2]. Here, we
study the combined effect of light-soaking and surface modification on
the WF and hole injection properties of ZnO. By Kelvin probe mea-
surements in a UV-free environment we determine the WF of SAM
modified ZnO prior to and after intentional light-soaking. We care-
fully modulate the level of photo-doping of the metal oxide layer and
track the WF changes. This allows us to correlate the hole injection
current from ZnO into P3HT in unipolar devices with the change in
injection barrier height. Our results illustrate a severe dependence of
the ZnO/organic contact on the history of light exposure. Valid con-
clusions about the contact energetics are only possible, if the sample
history is precisely known. Importantly, despite being considered as a
typical n-type material, properly treated ZnO forms an ohmic contact
for hole injection.|1] I. Lange et al., Appl. Phys. Lett. 106, (2015). [2]
G. Lakhwani et al., J. Phys Chem C. 114, (2010).
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CPP 37.51 Wed 11:00 Poster Bl
Long-term durability measurement of LHC-based DSSC
under constant illumination — eAIKE WrIssMANN', FABIAN
Scumip-MicHELs', NINA LAMMERMANN?, Lutz WoBBE2, ANDREAS
HoTTeEN!, and OLar Kruse? — !Center for Spinelectronic Materi-
als and Devices, Physics Department, Bielefeld University, Germany
— 2Faculty of Biology, Algae Biotechnology & Bioenergy, Bielefeld
University, Germany

With the recent surge in interest in ligh harvesting complexes (LHC) as
a substitution for more traditional choices of dye in dye-sensitized so-
lar cells (DSSC), the question of stability of the biological compounds
becomes more pressing. LHC are required to withstand effects of pho-
tobleaching, heat and possibly hostile electrolytic environments to en-
sure the longevity of the created devices. This is necessary for LHC to
be able to become a low-cost, low-toxicity alternative to the more com-
monplace dyes. To this end, LHC-based DSSC have been kept under
constant illumination for an extended (> 48h) period of time, while
their power output, short-circuit current and open-circtuit voltage had
been measured at least once per hour.

CPP 37.52 Wed 11:00 Poster B1
Investigation of Sub-Molecular Parts in Mixtures for Organic
Photovoltaics — eARTHUR MARKUs ANTON', Rico MEITZNER?,
SHAHIDUL Aram?, HaraLp Hoppe?, and FriepricH KREMER!
IPeter Debye Institute for Soft Matter Physics, Leipzig University
— 2Center for Energy and Environmental Chemistry Jena, Friedrich

Schiller University Jena

Nowadays, renewable sources of energy together with low-cost device
manufacturing are highly demanded. For this purpose, the application
of organic photovoltaics (OPV) appears to be suitable for reducing en-
vironmental impact as well as direct technology cost by "green" and
low-cost synthesis combined with great-scale casting methods. De-
spite the advantages of fullerenes in OPV, such as high electron mo-
bility or a low LUMO energy level, their commercial application is
restricted through high synthesize costs and chemical instabilities. In
order to overcome these detriments, non-fullerene acceptors have ob-
tained considerable attention. Blends of PBDB-T:ITIC achieved ef-
ficiencies up to 11% in bulk heterojunction solar cells [1]; blends of
AnE-PVstat:ITIC, instead, fall short, although photoluminescence in-
dicates efficient quenching of donor emission [2]. It is believed that
orientation and order of molecular units play an essential role for the
performance of organic semiconductors [3|. Thus, a novel approach
by means of FTIR spectroscopy is employed in order to analyze sub-
molecular parts in polymer:acceptor bends. [1] W. Zhao et. al., Adv.
Mater. 28 (2016), 4734; [2] S. Alam et. al., Chem. Pap. 72 (2018),
1769; [3] A. M. Anton et. al., J. Am. CHem. Soc. 137 (2015)

CPP 37.53 Wed 11:00 Poster Bl
Determination of morphological evolution in bulk hetero-
junction polymer solar cells — eHongwon Kim, Tommaso Ric-
cITELLI, XINYU JiaNG, and PETER MULLER-BuscuBaum — TU
Miinchen, Physik-Department, LS Funktionelle Materialien, 85748
Garching

Organic solar cells have been progressed via novel organic materials
indicating improved efficiencies as well as high stability. Bulk het-
erojunction (BHJ) polymer solar cells offer the advantage of a high
power/mass ratio combined with a mechanical flexibility. However,
the achieved best efficiency values still stay behind that of other solar
cell technologies, which demonstrates the needs for more fundamen-
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tal understanding. In the present study, BHJ solar cells are inves-
tigated which consist of a low-bandgap donor (PABT4T-20D) and a
non-fullerene acceptor (EH-IDTBR). The active layers are investigated
with X-ray scattering techniques to track morphological evolution dur-
ing the ageing processes via different external conditions. In addition,
with spectroscopic measurements under identical conditions we get in-
sights into changes on a molecular level.

CPP 37.54 Wed 11:00 Poster B1
Coupled organic-inorganic nanostructures with mixed linker
molecules — oFLORIAN GRrassL!, EpuarD MEisTER!, ANDRE
MaIER?, Marcus ScHEELE?, and WoLrcaNG BRrUTTING!
Hnstitute of Physics, University of Augsburg, 86135 Augsburg, Ger-
many — 2Institute for Physical and Theoretical Chemistry, University

of Tiibingen, 72076 Tiibingen, Germany

Coupled organic-inorganic nanostructures (COINs) utilize organic
semiconductors as crosslinking ligands to facilitate charge conduction
between semiconductor nanocrystals. They offer the perspective to
combine efficient carrier transport with a high degree of structural or-
der [1], as it has been successfully demonstrated in field-effect transis-
tors [2]. A well-known and working organic ligand is 1,2-Ethanedithiol
(EDT), especially with PbSe nanocrystal [3|. Here we focus on the in-
troduction of a mixture of two organic ligands. Using the dip-coating
technique of fabricating COIN layers from PbS nanocrystal with a
mixture of Zinc -Tetraaminophthalocyanine (Zn4APc) and EDT as
organic linker molecules, we elucidate the carrier transport and device
performance. We compare this mixture of linker molecules with single
Zn4APc- and EDT-ligands in transistors, diodes and solar cells.

[1] M.Scheele et.al., Physical Chemistry Chemical Physics (2015),
doi:10.1039/c4cp03094;j

[2]  A.André et al, Chemistry
doi:10.1021 /acs.chem mater.5b03821

[3] J.Luther et al., Nano Letters (2008), doi:10.1021/n1802476m

of  Materials  (2015),

CPP 37.55 Wed 11:00 Poster B1
Investigation of the templating effect of graphene on organic
molecular layers — eMax REIMER, SELINA OrrHOF, and KrAUus
MEeERHOLZ — University of Cologne, Luxemburger Str. 116, Germany

Electrical and optical properties of many organic semiconducting
molecules are highly anisotropic. Therefore these properties will de-
pend on the packing and ordering motif when deposited as thin films.
However, most of the time when such molecules are used in organic
electronic devices the growth mode is rather amorphous. Being able
to grow layers with an engineered order could dramatically improve
their properties such as absorption, emission, and most importantly
mobility [1]. In the past years, monolayer graphene has proven to be a
useful templating material [2] for subsequent material growth. Using
this approach and optimizing the preparation conditions we are able
to achieve an ordered and oriented growth mode for merocyanine dyes;
this versatile material class is highly interesting for the use in organic
photovoltaics. Two in-situ methods, low energy electron diffraction
(LEED) and ultraviolet photoelectron spectroscopy (UPS), allow us
to observe the packing motif and the width of the energetic levels in
the region of the highest occupied molecular orbital (HOMO) which
is connected to the degree of order of the molecular layer. We further
exploit atomic force microscopy (AFM) which provides information
about the grain size of the formed crystalline regions. The optimized
film growth allows us to improve the IV characteristic of basic organic
devices containing these molecules. [1] Guillaume Schweicher et al.,
1JC 2014, 54, 595-620 [2] Ti Wang et al., Sci. Rep. 2016, 6, 28895
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CPP 38: Polymer Networks and Elastomers

Time: Wednesday 11:30-12:45

CPP 38.1 Wed 11:30 HI18
Simulation and theory of model sliding-ring polymer systems
— oTont MULLERD2, MicHAEL Lang!, and Jens-Uwe SomMERD?2
— 1Leibniz-Institut fiir Polymer- forschung Dresden — 2Technische
Universitdt Dresden

In order to understand the elasticity of polymers which are harnessed
by slidable rings such as polyrotaxanes we consider a simple model sys-
tem. Here two chains are connected by crosslinking two of the slidable
rings which act as stoppers for the other rings threaded on the chains.
For the case of ideal chain statistics the partition function for chains
under constant force can be calculated exactly and the resulting force-
extension relations are compared with Monte Carlo simulations using
the bond fluctuation model. We observe a strong strain-softening of
the double-chain system under force which sharpens towards a jump-
like transition of the elastic modulus for longer chains. We show that
the reason for this behavior is fact that the slidable rings form a 1D
real gas which is compressed by the stoppers if the chains are extended.
Only if the external force exceeds the internal pressure caused by the sl-
idable rings the chains can respond with the elastic compliance of their
full contour related with a jump-like decay in modulus. Using simple
thermodynamic arguments we calculate the critical force, and from an
analytic approximation of the partition function we obtain the modulus
of the connected chains in the low force region. Our system provides
insights into a new class of elastic matter where conformational and
internal degrees of freedom act together. A possible extension of our
model are ’sliding-ring’ gels build-up from many sliding-ring polymers.

CPP 38.2 Wed 11:45 HI18
Microphase separation in cross-linked copolymers
eGAoYUAN WANG, ANNETTE ZI1PPELIUS, and MARcUsS MULLER —
Institut fiir Theoretische Physik, Friedrich-Hund-Platz 1, 37077 Got-
tingen, Deutschland

Using particle-based simulations of a soft, coarse-grained model in con-
junction with the Single-Chain-in-Mean-Field algorithm we have stud-
ied the cross-linking of (diblock) polymer melts and the subsequent
microphase separation the cross-linked systems upon increasing the
incompatibility, xN, between the two blocks. Without cross-linking,
the simulated order-disorder transition (ODT) between a lamellar and
a disordered liquid is shifted away from the mean-field prediction N
= 10.5 and is of first-order. With increasing cross-link density, the
xN, at which the ODT occurs (for fixed cross-link density), shifts to
larger values. Beyond the cross-link density of 1 per chain a gradual
formation of a microemulsion-like structure (disordered gel) is formed,
i.e., the morphology features a characteristic length scale but not long-
range order. When we cross-link a lamellar liquid at xN > yODT and
decrease xN, the xN at which the ODT occurs (i.e. long-range order
is lost) differs from the previous one.

CPP 38.3 Wed 12:00 HI18
Reversible magnetomechanical collapse in a soft elastic ma-
trix — Marte PuLiiz!, Suiin Huang?, KarL A. Karina®, Jo-
HANNES Nowak?, STEFAN ODENBACH®, MARKUS KASTNER?, GUN-
TER K. AUERNHAMMER?, and e ANDREAS M. MEeNzeEL! — 1Heinrich-
Heine-Universitét Diisseldorf, Diisseldorf, Germany — 2Max-Planck-
Institut fiir Polymerforschung, Mainz, Germany — 3Technische Uni-
versitdt Dresden, Dresden, Germany

Embedding rigid particles in an elastic matrix hinders their motion.
Under mutual attraction, their displacement leads to elastic deforma-
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Location: H18

tions of the elastic environment. Counteracting restoring forces result.

Nevertheless, as we demonstrate, a reversible particle approach up
to virtual touching is possible. For this purpose, the behavior of mag-
netizable nickel particles in a soft elastic gel matrix was analyzed in
experiments [1]. Switching on and off an external magnetic field, the
particles reversibly collapse towards each other and subsequently resep-
arate. Explicit analytical calculations and finite-element simulations
describe and quantify these experimental observations [1].

The effect should be interesting from an application point of view.
In magnetorheological elastomers, the overall material stiffness can be
reversibly tuned by external magnetic fields acting on embedded mag-
netizable particles [2]. Induced formation of chain-like aggregates is
possible. An associated material stiffening could be maximized by in-
duced virtual touching of the embedded particles.

[1] M. Puljiz et al., Soft Matter 14, 6809 (2018).
[2] G. Pessot et al., J. Phys.: Condens. Matter 30, 125101 (2018).

CPP 38.4 Wed 12:15 HI18
FORCs diagrams for magnetoactive elastomers studying by
molecular dynamics simulations — eALLA DoOBROSERDOVA!, PE-
DRO ANTONIO SANCHEZ RoMmEROM2, and Soria KaNTOROVICH!2 —
1Ural Federal University, Ekaterinburg, Russia — 2University of Vi-
enna, Vienna, Austria

Magnetic elastomers are the systems consisting of magnetic particles
distributed in a nonmagnetic elastic matrix. We use the FORCs (first-
order reversal curves) diagrams to study how the matrix influences
internal magnetic interactions. We consider several models of magne-
toactive elastomers. We use the Molecular Dynamics Simulations to
study the different systems. In order to introduce the elastic inter-
actions we consider fixed nonmagnetic particles which are connected
with dipolar ones by springs. As the simplest case, we consider spher-
ical magnetic particles in an elastic matrix. As an extension, we take
into account the shape anisotropy of magnetic particles. We also study
magnetic particles with flake-like shapes. In order to plot the FORCs
distribution we use a classical method [C. R. Pike et al., J. Appl. Phys.
85, 6660 (1999)]. The research was supported by the Ministry of Ed-
ucation and Science of the RF (project 3.1438.2017/4.6) and Austrian
Science Fund (FWF, START-Project No. Y 627-N27).

CPP 38.5 Wed 12:30 HI18
Magneto-active elastomeric (MAE) films and their prop-
erties eSoria KantorovicH!2, ELena MiniNal2, ELENA
KRAMARENKO?, and PEDRO SANcHEZ!'2 — University of Vienna —
2Ural Federal University — 3Moscow State University

Due to advances in synthesis, it is nowadays possible to prepare thin
layers of elastomers with relatively high loading of magnetic particles.
Such layers show a dramatic change of the hydrophobicity when an
external magnetic field is applied. This effect is a consequence of the
conventional chain formation of magnetic particles aligned along the
magnetic field that causes not only the matrix deformation of the layer,
but also roughens its surface. We study structural, magnetic and me-
chanical properties of such MAE layers by means of MD computer
simulations. We develop a model of a MAE layers that captures the
dependence of its surface roughness on the elastic properties of the
polymer matrix and the magnetic interactions [1]. To examine elastic
properties of these layers we consider them under action of an external
magnetic field of different strength. We observe that the magnetic field
stiffens the layer making it more robust to deformations. [1] P.Sanchez
et al, Soft Matter 2018.
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CPP 39: Focus: Controlling Phase Formation Dynamics in Solution Processed Semiconductors
- organized by Christoph Brabec, Jens Harting and Hans-Joachim Egelhaaf

Time: Wednesday 15:00-18:45

Invited Talk

Film formation,

CPP 39.1 Wed 15:00 H14

microstructure and ferroelectricity of

MAPDI3 light-harvesting layers — HoLger Ronm'2, To-
BIAS LEONHARDY2, ALEXANDER ScrHuLzD?2, SUSANNE WacNERD3,
MicHAEL HorrMANN!3,  and eALEXANDER CoLsMaNND?2

IKarlsruhe Institute of Technology (KIT), Material Research Cen-
ter for Energy Systems, Strasse am Forum 7, 76131 Karlsruhe, Ger-
many — 2Karlsruhe Institute of Technology (KIT), Light Technol-
ogy Institute (LTI), Engesserstrasse 13, 76131 Karlsruhe, Germany —
3Karlsruhe Institute of Technology (KIT), Institute for Applied Ma-
terials - Ceramic Materials and Technologies (IAM), Haid-und-Neu-
Strasse 7, 76131 Karlsruhe, Germany

Among the remarkable properties of MAPDI3 is its ferroelectricity.
Since the ferroelectric polarization influences the charge carrier recom-
bination and transport, the orientation and shape of polarized domains
within grains directly influences the device performance. This renders
engineering of the grain orientation and size pivotal for the optimiza-
tion of perovskite solar cells. In a combined EBSD, PFM and KPFM
study, we spatially resolve and correlate the crystal orientation and the
ferroelectric polarization of MAPDI3 with sub-grain resolution. These
tools are indispensable for the relation of the microscopic thin-film
structure to the optoelectronic device properties as they allow to moni-
tor film formation, device optimization and to understand fundamental
processes in perovskite solar cells. Understanding the microstructure
and the film formation will not least be the key to future ab-initio
engineering of new non-toxic and efficient solar cells.

Invited Talk CPP 39.2 Wed 15:30 H14
How do evaporating thin films evolve? Unravelling phase-
separation mechanisms during solvent-based fabrication of
polymer blends — eOLca Wobo — University at Buffalo, Materials
Design and Innovation Department

Solvent-based fabrication is a flexible and affordable approach to man-
ufacture organic thin films made from any combination of polymer,
copolymers and/or small molecules. It is of paramount importance to
understand morphology evolution during fabrication. However, it is
challenging to experimentally visualize morphology evolution during
processing.

In this talk, I will present our computational model to predict the
evolving three-dimensional morphology during the fabrication of or-
ganic thin films. I will focus on multiscale challenges that when ad-
dressed allowed to resolve nano-morphological features while being able
to simulate device scale domains. More importantly, I will discuss four
modes of phase formation and subsequent propagation within the thin-
ning film during solvent-based fabrication. I will address fundamental
questions such as when and where phases are formed, and how they
evolve to form the final structure. Finally, I will demonstrate how this
analysis can be leveraged to ask questions on manufacturing designs
with the ultimate goal of precise, yet affordable, morphology manipu-
lation for a large spectrum of applications.

CPP 39.3 Wed 16:00 H14
Supramolecular structures of amphiphilic dyes for pho-
tochemical and photophysical applications o MARTIN
PresseLT!»23, MaximiLiaNn HuprerD2, MARTIN KAUFMANN!, FE-
Lix HERRMANN-WESTENDORF1'2, Saunak Das!2, and BENJAMIN
Dietzex!? — 1Friedrich Schiller University Jena, Helmholtzweg 4,
07743 Jena, Germany — 2Leibniz Institute of Photonic Technology
(IPHT), Jena, Germany — 3sciclus GmbH & Co. KG, Moritz-von-
Rohr-Str. 1la, 07745 Jena, Germany

Beyond molecular properties the supramolecular structures essentially
determine photonic [1] and electric [2] material properties. One of
the approaches to control the supramolecular structure is by means
of interface assembly of dyes that have been made amphiphilic. This
assembly is utilized in the Langmuir-Blodgett (LB) technique [3, 4] as
well as in the Liquid-Liquid Interface Precipitate (LLIP) [2] technique.
In our work we utilize both methods for the fabrication of model lay-
ers with tunable supramolecular structure for optoelectronic devices
and self-healing membranes. This supramolecular structural tuning
enables variation of the LUMO energy of fullerene films by 120 meV,
that translate to 70 mV variation in open circuit voltage of correspond-
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ing pi-Si-hybrid solar cells [2].

[1] S. Das et al., ACS Appl Mater Interfaces, 2016, 8, 21512-21521.
[2] S. K. Das et al. Advanced Energy Materials, 2018, accepted.

[3] M. L. Hupfer et al., ACS Appl Mater Interfaces, 2017, 9, 44181-
44191.

[4] M. Kaufmann et al., J. Colloid Interface Sci., 2018, 526, 410-418.

CPP 39.4 Wed 16:15 H14
In-situ study of printed films of PBDB-T-SF:IT-4F for
application in organic solar cells — eKErsTIN WIENHOLD!,
VoLkeEr KoOrstaens!, SesastiaNn  GrorT!, XiNnvu Jiancl,
MATTHIAS SCHWARTZKOPF2, STEPHAN RoTe?3, and PETER MULLER-
Buscuaum! — 1TU Miinchen, Physik-Department, LS Funktionelle
Materialien, 85748 Garching — 2DESY, 22607 Hamburg — 3KTH,
Department of Fibre and Polymer Technology, SE-100 44 Stockholm,

Sweden

Resent research in organic photovoltaics focuses on identifying new
high-efficiency polymers and acceptor molecules to reach high power
conversion efficiencies (PCEs). To date, a PCE of 13% could be ob-
tained with a PBDB-T-SF': IT-4F based organic solar cell device. How-
ever, towards commercialization, the solar cell performance must be
optimized and an up-scale of the thin layer deposition is necessary.
Printing of the active layer of organic solar cells can overcome the up-
scale challenge. In-situ grazing incidence small angle X-ray scattering
(GISAXS) during printing provides fundamental knowledge to better
understand the drying kinetics and structure formation mechanism
during printing. Characterization techniques such as UV /Vis spec-
troscopy, photoluminescence, optical microscopy and scanning electron
microscopy (SEM) are applied after printing to get to get a deeper in-
sight into the composition and morphology of the active layer of the
printed films with the aim to further improve the solar cell efficiencies.

CPP 39.5 Wed 16:30 H14
Simulation of active layer formation in solution-processed
organic solar cells — oOLiviER RonsIN and JeENs HARTING
— Forschungszentrum Jiilich GmbH, Helmholtz Institute Erlangen-
Niirnberg (IEK-11), Dynamics of Complex Fluids and Interfaces,
Filrther Strafte 248, 90429 Niirnberg, Germany

Solution-processed organic bulk-heterojunction active layers form so-
phisticated structures during the drying of the wet-deposited solution,
because of complex physical processes such as crystallization and/or
phase separation. This structure highly impacts the photovoltaic per-
formance. In order to reach significant improvements, a better under-
standing of the physics driving the active layer formation is strongly
needed.

We propose a phase-field simulation framework to determine the dry
film structure. To this end, evaporation, crystal nucleation and growth,
phase separation are taken into account as well as concentration-
dependent diffusion coefficients. The model’s behaviour for these ba-
sic physical processes will be shown, as well as simulation results for
evaporation-induced phase separation and crystallization. First quan-
titative simulations for real photovoltaic systems and the comparison
with in-situ experimental characterization on the drying structure will
be presented.

CPP 39.6 Wed 16:45 H14
Inner structure analysis of quantum dot solids for photo-
devices — eWEI CHEN and PETER MULLER-BuscuBaum — TU
Miinchen, Physik-Department, LS Funktionelle Materialien, James-
Franck-Str. 1, 85748 Garching, Germany

Quantum dots (QDs) with near infrared emission are promising in
both photodetectors (PDs) for sensing and photovoltaics (PVs) for so-
lar energy conversion. High quality QDs are normally synthesized in
solution and capped with organic ligands. To efficiently functionalize
the QDs’ array for PD or PV devices, the ligand exchange treatments,
in solution or on solids, to colloidal QDs are necessary by exchanging
or removing the long chain organic ligands. These treatments will not
only decrease the inter-dot spacing between neighboring QDs to im-
prove their electro-coupling behavior, which is beneficial for the energy
transfer, but also change the stacking behavior of QD particles in solid
from colloidal state to close packed state. This structure transition is
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now investigated by grazing incidence X-ray scattering and it is found
that QDs prefer to stack in a face-centered cubic when they are in
superlattice structure (colloidal state) by spin-coating. The stacking
structure will change to a body-centered cubic style in a close packed
solid after ligand exchange. Thus, the inner morphologies of QDs’ close
packed solids by different treatments are well studied. The optimized
devices demonstrate a better device performances.

15 min. break

Invited Talk CPP 39.7 Wed 17:15 H14
Thin film structuring upon liquid-vapor mass exchange —
eJAaspER MIcHELs — Max Planck Institute for Polymer Research,
Mainz, Germany

Organic and hybrid thin film electronic devices, such as memory
diodes, solar cells and transistors, typically contain a functional layer
comprising a blend of polymeric or small-molecular species whose prop-
erties cooperatively give rise to a specific function. Depending on the
desired device functionality, phase transitions during solution process-
ing of these blends is either encouraged or suppressed. In many cases a
microstructure evolves during solidification on account of, for instance,
demixing or crystallization from solution. These processes may lead
to drop-like or spherulitic structures, with associated feature sizes and
domains shapes that depend on the processing conditions.

This presentation focuses on how phase separation couples with mass
exchange across the liquid-vapor boundary, i.e. solvent evaporation
and vapor condensation. I give an overview of the work we have done
to understand the influence of liquid-vapor exchange rates on the dy-
namics of structure evolution. Modeling multi-component mixtures in
the thermodynamic limit elucidates how microstructures evolve. Nu-
merically simulated morphologies are consistent with experimentally
observed ones and demonstrate in what way domain size and phase
composition are affected by internal and environmental factors.

CPP 39.8 Wed 17:45 HI14
Controlling Aggregate Formation in Conjugated Polymers by
Spin-Coating Below the Critical Temperature of the Disorder
Order Transition — e ANNaA KOHLER — Soft Matter Optoelectron-
ics and Bayreuth Institute of Macromolecular Research, University of
Bayreuth, Germany

Aggregates, that is short-ranged ordered moieties in the solid-state
of p-conjugated polymers, play an important role in the photophysics
and performance of various optoelectronic devices. We have previ-
ously shown that many polymers change from a disordered to a more
ordered conformation when cooling a solution below a characteristic
critical temperature Tc. Using in situ time-resolved absorption spec-
troscopy on a range of semiconducting polymers including P3HT, PFO,
PCPDTBT, and PCE11 (PIBT4T-20D), we show that spincoating at
a temperature below Tc can enhance the formation of aggregates with
strong intra-chain coupling. An analysis of their time-resolved spec-
tra indicates that the formation of nuclei in the initial stages of film
formation for substrates held below Tc seems responsible for this. We
observe that the growth rate of the aggregates is thermally activated
with an energy of 310 meV, which is much more than that of the
solvent viscosity (100 meV). From this we conclude that the rate con-
trolling step is the planarization of a chain that is associated with its
attachment to a nucleation center. The success of our approach for
the rather dynamic deposition method of spin-coating holds promise
for other solution-based deposition methods.

CPP 39.9 Wed 18:00 H14
Phase Formation Dynamics of Mixed-halide Perovskites by
Real-time In-Situ Optical and X-ray Spectroscopy — eJusTus
Just!, KLARA SucHAN?, PascaL Brcker?, Eva Uncer2?3, and
Tuomas UnoLp® — MAX IV Synchrotron Laboratory, Fotongatan
2, 22484 Lund, Sweden — 2Lund University, Paradisgatan 2, 22350
Lund, Sweden — 3Helmholtz-Zentrum Berlin, Hahn-Meitner-Platz 1,
14109 Berlin, Germany

We present a detailed investigation of the phase formation dynam-

87

ics of the chlorine derived one-step synthesis of MAPbI3 perovskite.
In a specially designed atmosphere controlled in-situ reactor, syn-
chrotron based in-situ quick scanning X-ray absorption spectroscopy
(QEXAFS), X-ray diffraction (XRD) as well as X-ray fluorescence
(XRF) are applied in combination with in-situ optical reflection and
photoluminescence spectroscopy. This enables us to correlate the evo-
lution of the chemical reaction from XAS, the formation of crystalline
phases from XRD and the chemical composition from XRF with the
evolution of the optoelectronic properties of the film on one single
timeline. We observe a delayed formation of crystalline MAPbI3 and
attribute it to a concentration threshold in the decreasing chlorine con-
tent of the sample. Our results give detailed insight into the formation
process and can help to provide a mechanistic understanding of the re-
actions and intermediates involved. This knowledge can be utilized to
optimize synthesis strategies and to tune the optoelectronic properties
of organic-metal-halide perovskite semiconductors.

CPP 39.10 Wed 18:15 H14
On the colloidal behaviour of hybrid perovskite precursor dis-
persion and tracking structural heterogeneties arising from
mixed perovskites: insights into the nano and macroscale
— eSuamMBHAVI PraTapl2, Jonannes Scuripr!, KIraN Joun?,
VoLker KOrsTGENs!, FELIX FiscHER!, SUNDEEP VEMAZ, ALEXAN-
pER HoLLEITNER?, ANTON Davypok®, CurisTINA KrRywka®, and
PETER MULLER-BuscuBaum! — 1TU Miinchen, Physik-Department,
LS Funktionelle Materialien, 85748 Garching — 2Lawrence Berkeley
National Laboratory, Advanced Light Source — 3Cambridge Univer-
sity, Department of Chemical Engineering — *TU Miinchen, Walter
Schottky Institut — °DESY, Helmholtz Zentrum Geesthacht, Ham-
burg

A colloidal nature of perovskite precursors used for film fabrication is
suggested, and phenomena such as glass-transitions, crystal twinning,
and growth instabilities are explored in order to explain diffusion-
limited self-organization of thin films. Morphological and structural
heterogeneties within thin films are identified to be a consequence of
deposition through dynamic precursors, far from thermodynamic equi-
librium. The significance of such a finding suggests that perovskite
films possess soft properties, implying there exists a delicate balance
between entropic and enthalpic contributions towards the free energy
of the dynamically changing system, which needs to be regulated for
controlling film morphology; which has been established as a crucial
prerequisite for improving solar cell performances.

CPP 39.11 Wed 18:30 H14
Following the perovskite crystallization in printed meso-
scopic organometal halide perovskite solar cells — eOLIVER
FiLoNik!, MARGRET Eva THORDARDOTTIR!'2, JENNY LEBERT!,
STEPHAN PROLLER!, SEBASTIAN WeEIss!, LEw Jia Haur®, Anisu
PRIVADARSHI®, NRIPAN MATHEWS?, PETER MULLER-BUsCHBAUMZ,
and Eva M. Herzic!** — 1TU Miinchen, Munich School of Engi-
neering, Herzig Group, 85748 Garching, Germany — 2TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching,
Germany — 3Energy Research Institute @ NTU (ERI@N), Research
Techno Plaza, 637553 Singapore, Singapore — *Universitéit Bayreuth,
Physikalisches Institut, Herzig Group - Dynamik und Strukturbildung,
95440 Bayreuth, Germany

Printable perovskite solar cells based on carbon electrodes have shown
outstanding device stability and upscalability in recent years. In this
work, we follow the perovskite crystallization within the all-porous de-
vice architecture during fabrication and investigate the influence of
the processing additive aminovaleric acid iodide (5-AVAI) on the per-
ovskite formation. Using time-resolved grazing incidence wide angle
X-ray scattering (GIWAXS), we are able to identify the suppression
of large polycrystalline grains early in the fabrication process due to
the processing additive. With the optimized processing conditions, an
improved material backfilling and a significant device performance in-
crease from (1.22 +- 0.03)% up to (10.69 +- 0.44)% is achieved. Our
results grant us a better understanding of the initial perovskite crys-
tallization phases and are of key importance for further developments.



Regensburg 2019 — CPP

Wednesday

CPP 40: Modeling and Simulation of Soft Matter | (joint session CPP /DY)

Time: Wednesday 15:00-17:00

CPP 40.1 Wed 15:00 H18
Thermodyanmics of Supramolecular Polymers with Hydro-
gen Bonding Ends — eEunsanc Lee and WoLrgang PaurL — In-
stitut fiir Physik, Marin-Luther-Universitdt Halle-Wittenberg, 06108
Halle, Germany

Rheological properties of supramolecular polymers (SMPs) depend on
their equilibrium structure including the size, the number, and the
topology of aggregates. In this work we investigate the thermody-
namics of SMPs with H-bonding ends in a wide range of densities.
Replica exchange stochastic approximation Monte Carlo simulations
with coarse-grained models for polyethylene and polybuthylene gly-
cols are used. Our heterocomplementary SMP system includes the
same concentration of two different molecules, each of which is func-
tionalized by different H-bonding stickers at both ends. Due to the
chemical structure of sticker association, the functionality of the sticker
varies depending on temperature, which is described by our H-bond
potential and optimized parameters. Our simulation shows that SMPs
have three transition lines with increasing temperature, a micelle (or
gel)-ring transition, a ring-linear transition, and a linear-free chain
transition. Because of the temperature-dependent functionality of the
sticker, we can see the micelle (or gel)-ring transition at very low tem-
perature which has not been observed in other associating polymers
with fixed functionality. Below this transition line, the polymers in di-
lute concentration form flower-like micelles but polymers in semi-dilute
concentration form a gel.

CPP 40.2 Wed 15:15 HI18
Simulation of a large polymer with untruncated interaction
near the collapse — ¢STEFAN SCHNABEL and WOLFHARD JANKE —
Universitéat, Leipzig
Off-lattice polymer models usually incorporate monomer-monomer in-
teractions that act — at least in principle — at any distance. In conse-
quence, calculating the energy and in particular the change in energy
during a Monte Carlo move is typically an operation of computational
complexity O(N2), where N is the number of monomers. Since this
complexity is inherited by the individual Monte Carlo move, only small
polymers can be simulated without truncating the interaction poten-
tials. We show how this can be avoided at temperatures near or above
the collapse transition by using a Metropolis algorithm that tolerates
inaccurate estimates of AE and present results for a polymer with
Lennard-Jones interactions and N < 65536.

CPP 40.3 Wed 15:30 HI18
Is there a universal equation of state for flexible polymers be-
yond the semi-dilute regime? — eJAarRosLaw PaTUREJL2, JENS-
Uwe SomMmER!, and TorsTEN KREER! — !Leibniz Institute of Poly-
mer Research, Dresden, Germany — 2University of Szczecin, Szczecin,
Poland

We reconsider the isothermal equation of state (EoS) for linear ho-
mopolymers in good solvents, p = p(c,T), which relates the osmotic
pressure, p, of polymers with the bulk concentration, ¢, and the tem-
perature, T'. The classical scaling theory predicts the EoS in dilute and
semi-dilute regimes. We suggest a generalized EoS which extends the
universal behavior of polymer solutions up to the highly concentrated
state and confirmed it by molecular dynamics simulations and using
available experimental data. Our conjecture implies that properties of
polymer chains dominate the EoS in the presence of many-body in-
teractions. Our theoretical approach is based on a viral expansion in
terms of concentration blobs leading to a superposition of two power
laws in the regime of concentrated solutions.

CPP 40.4 Wed 15:45 HI18
Comparison of strain-induced transitions from liquid to solid
of poly(ethylene oxide) and polyamide chains in water —
eSErGH DoneTs!, OrLca Guskoval, GARy DUNDERDALE3, OLEK-
SANDR MYKHAYLYK?, and JENs-UwE SomMmERY2 — Institute Theory
of Polymers, Leibniz-Institute of Polymer Research, D-01069 Dresden,
Germany — 2Technische Universitidt Dresden, Institute for Theoreti-
cal Physics, D-01069 Dresden, Germany — 3Department of Chemistry,
University of Sheffield, Sheffield, S3 7THF, UK

Aqueous solutions of poly(ethylene oxide) (PEO) and polyamide
oligomers are capable of undergoing a phase transition as a result of loss
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of the hydrated structure. Our simulations using an atomistic model
clearly indicate that an elongating force dipole acting on both chain
ends of oligomer chains initiates interchain aggregation with the forma-
tion of highly oriented fibrillar nanostructures [1]. The strain-induced
demixing transition from liquid to solid occurs primarily due to the
favorable hydrophobic interactions in case of PEO chains and, in addi-
tion, due to the intermolecular hydrogen boding in case of polyamide
chains. A tensile stress introduced into the aqueous solution changes
the solvent quality from good to poor as a function of conformational
state of the chains and, if there are other oligomer chains present in the
simulation box, leads to a phase separation from water. The strain-
induced demixing of the extended chains provides the possibility to
obtain polymer fibers with low energy costs.
[1] J. Phys. Chem. B, 2018, 122 (1), 392-397

CPP 40.5 Wed 16:00 HI18
Soft deformable colloids: self-assembly and structure
through computer simulations — eMiHIR KHADILKAR and ARASH
NikouBAsHMAN — Johannes Gutenberg University Mainz, Staudinger-
weg 7, 55128 Mainz, Germany

Colloids represent a rich class of soft materials that are important
not only as model systems to study physical processes at nanoscale,
but also as versatile building blocks towards a variety of technologi-
cal applications. While hard-core models of colloids (with solely ex-
cluded volume interaction) have had great success in studying order-
ing, structure and dynamics in the past, most experimental systems
exhibit varying degrees of softness that could potentially drastically
alter their static and dynamic properties. Using molecular dynam-
ics (MD) simulations of mesh models, we study the self-assembly of
soft spherical and spheroidal colloids as a function of their elasticity
and packing density. We quantify their arrangement and deformation
using various order parameters. Further, we asses the dependence of
eventual thermodynamic properties on the asphericity and softness of
the colloids. For instance, we find that soft prolate ellipsoidal col-
loids (with aspect ratio 2) undergo a convex-to-concave transition at
high pressures. The crystal structure also gets distorted, accompa-
nied by an asymmetric deformation of principal directors. Addressing
the structure-property relationship between softness arising from mi-
crostructure and the macroscopic properties could provide new routes
towards designing and fabricating novel materials with tailored struc-
tural properties.

CPP 40.6 Wed 16:15 HI18
Self-assembly of triblock terpolymers system using dissipa-
tive particle dynamic simulations — eDrrErPikA DEEPIKA and
ARrasH NikouBAsHMAN — Institute of Physics, Johannes Gutenberg
University, Staudingerweg 7, 55128 Mainz, Germany

Self-assembly of triblock polymers into ordered structures has emerged
as a promising technique for generating morphologies with nanometer
range periodicity. The self-assembled structures dictated by the vol-
ume fraction of each block and interactions between them. In this
work we are interested in the self-assembly behavior of polystyrene-
polybutadiene-polymethyl-methacrylate (SBM) triblock copolymers in
melt and in solution. The ternary phase diagram of SBM melt includes
complex morphologies like spheres in lamellae cylinders in lamellae,
cylinders in cylinder and many other. Equally intriguing is the solution
phase behavior of SBM; recent experiments conducted by Groeschel et
al. suggested ellipsoid aggregates of SBM in which layers of SBM are
stacked in an ABCBA pattern. We conducted extensive DPD simu-
lations to elucidate the effect of the process parameters, such as the
volume fraction of each block and the Flory-Huggins interaction pa-
rameters, on the self-assembled structures. Our simulations give mi-
croscopic insights into the self-assembly behavior and provide useful
design guidelines for fabricating structured nanoparticles in experi-
ments.

CPP 40.7 Wed 16:30 H18
Construction of core-double-shell nanostructures via adsorp-
tion of mixed star polymers — eQivun TancG and MARcuUS
MUuUELLER — Institut fiir Theoretische Physik, Universitdat Gottingen

The adsorption of two kinds of star polymers with strongly adsorbing
arm ends but distinct arm lengths onto one big gold nanoparticle re-
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sults in the formation of a core-double-shell nanostructure. This radial-
organized nanostructure finds potential applications in plasmonic and
biomedical disciplines. Here we use theory and simulation to system-
atically study the formation process of this advanced nanostructure.
Theoretical calculations predict that this structure does not reach
equilibrium, but strongly depends on the formation kinetics. Sim-
ulation results show that the adsorption of short star polymers are
chiefly dictated by diffusion whereas the adsorption of the end of a
long star polymer implicates a high free-energy barrier generated by
other chains, resulting in a protracted adsorption. The fabrication of
the core-double-shell nanostructure is a combination of the diffusion-
limited and the reaction-limited processes of short and long polymers,
respectively, which is confirmed by experimental findings.

CPP 40.8 Wed 16:45 HI18
Mixtures of Dendrimers and Linear Polymers — eMARTIN
WENGENMAYR'2, RoN DocknorN!, and JENs-Uwe SoMmMER!2
1Leibniz Institute of Polymer Research, Dresden, Germany — 2TU

Dresden, Germany

One of the largely unsolved problems in polymer science is the effect of
polymer architecture on the thermodynamics and functional proper-
ties of a polymer system. In particular, there is no commonly accepted
explanation for the conformation properties of branched polymers im-
mersed in a melt of chemically identical linear polymers. Based on
Monte Carlo simulations of dendrimers with various generations and
spacer lengths immersed in a solution of polymer chains of different
degree of polymerization and concentrations we show that flexible den-
drimers do not collapse into a compact globule as the concentration of
linear chains is increased. Instead, we observe a crowded state distinct
from athermal or theta solvent state. Beside the nontrivial conforma-
tional changes of the dendrimer the mixing of polymers of the same
chemical composition but different branching induces secondary in-
teractions between the species. Our work addresses the question of
the strength of the secondary interactions in terms of intermolecular
interactions and depletion attraction.

CPP 41: Charged Soft Matter, Polyelectrolytes and lonic Liquids Il

Time: Wednesday 15:00-15:30

CPP 41.1 Wed 15:00 HI13
Neutron reflectivity and MD simulations of the silicon -
deep eutectic solvent interface — eNEBoJSA ZEc!, GAETANO
Manciapial, SeBasTiaAN Buscu!, and MIKHAIL ZHELUDKEVICH?
— lGerman Engineering Materials Science Centre (GEMS) at
Heinz Maier-Leibnitz Zentrum (MLZ) Helmholtz-Zentrum Geesthacht
GmbH, 85748 Garching bei Miinchen, Germany — 2Institute of Ma-
terials Research, Helmholtz-Zentrum Geesthacht, 21502 Geesthacht,
Germany

The main aim of this work is to reveal the structure of the layers formed
at the interface between deep eutectic solvents (DES) and silicon sur-
face with and without applied constant electric potential using neutron
reflectometry (NR) and molecular dynamics simulations (MDs). Work
is focused on finding experimental evidence for an ordered layer of DES
over an Si substrate under DC conditions and resolving the destruction
of this layer by a superimposed AC field. Electrochemical experiments
have shown that application of the potential of -1.6V superimposed
with alternating sinusoidal component of 50 mV allows zinc depostion.
Increasing temperature has the same effect and at 100 degrees C elec-
trodeposition is possible even in potentiostatic regime. The results ob-
tained with REFSANS instrument at Heinz Maier-Leibnitz Zentrum
(MLZ) are compared with the reflectivity calculated from molecular
dynamics simulations. Through this work we tend to determine the
relationship between NR measurements of DES/silicon interface and
the corresponding structural information obtained by MD simulations

Location: H13

of the same system.

CPP 41.2 Wed 15:15 HI13
Self-assembly of hollow colloidal silica cubes — eMARGARET
RoseENBERG!, FrRans DEkkErR?, JoE G. DonaLpson!, ALBERT P.
PuiLipse?, and Soria S. KanTorovicu!3 — 1Department of Physics,
University of Vienna, Vienna, 1090, Austria — 2Van’t Hoff Labora-
tory for Physical and Colloid Chemistry, Debye Institute for Nano-
Materials Science, Utrecht University, NL — 3Department of Mathe-
matical Physics, Ural Federal University, Russia

Among the multitude of recently synthesized non-spherical colloids,
hollow silica cubes distinguish themselves by their charged surface and
the strong influence of van der Waals forces on their behaviour. While
their self-assembly has been observed in experiment, it has not yet
been fully studied and characterized. Using MD simulations, we inves-
tigate the electric double layer surrounding the cubes, then compute
their interaction potential at different orientations to understand the
influence of their anisometry. In combination with experimental ob-
servations and calculated trajectories, we show how the self-assembly
of the cubes is driven by the competition between electrostatic and
van der Waals forces. We then examine the microstructures formed by
small clusters of cubes, which differ significantly from those exhibited
by comparable spheres. These investigations give us a multifaceted
understanding of the behaviour observed in these systems and pave
the way for future applications.

CPP 42: Plasmonics IV (joint session O/CPP)

Time: Wednesday 15:00-17:45

CPP 42.1 Wed 15:00 HS8
Switching between sharp Mie and broad plasmonic reso-
nances in phase-change material metasurfaces — eSopPHIA
WaHL, ANDREAS HESSLER, MaTTHIAS WUTTIG, and THOMAS TAUB-
NER — Institute of Physics (IA) RWTH Aachen

Active metasurfaces (MSs) based on phase-change materials (PCMs)
enable versatile compact optics like tunable metalenses [1]. PCMs
can be rapidly and reversible switched between their amorphous and
crystalline phases which is accompanied by a pronounced non-volatile
change in their optical properties [2]. Commonly, PCMs integrated in
MSs feature a large change in their positive permittivity.

We present how the phase-change material IngSbTes (IST) can be
used to switch resonators in an infrared (IR) MS between sharp Mie
resonances and broad plasmonic resonances. In the IR, the permit-
tivity of IST changes from positive to negative upon crystallization,
effectively switching from dielectric to metallic. We demonstrate how
this can be used to dramatically change the resonance width and the
resonance frequency of IR resonators.

Our work opens up new design concepts for applications like active
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spectral filters and absorbers, because it could provide tunable band-
width and operation frequency at the same time.

[1] X. Yin et al., Light: Science & Applications 6, e17016 (2017)

[2] M. Wuttig et al., Nano Photon. 11, 465 (2017)

CPP 42.2 Wed 15:15 HS
Infrared nanoscopy to unravel the influence of defects in resis-

tive switching of In3SbTes — eNikLAs E1ckER!, MARTIN LEWIN?,

RAIMONDO CECCHINIZ, SEBASTIAN WALFORT!, MATTHIAS WUTTIGE,
MARTIN SALINGA!, Massimo Lonco?, and THomas TAUBNER! —

IRWTH Aachen - Institute of Physics (1A) — 2CNR - IMM

Phase change materials (PCMs) exhibit at least two stable states at
room temperature, one crystalline and one amorphous. Character-
istically the different states show a high electrical and optical con-
trast which can be used for fast, energy efficient and non-volatile nano
switches [1]. Thus PCMs are a promising material class for persistent
memory devices like PCRAM.

Scattering-type scanning near-field optical microscopy (s-SNOM) in
the infrared spectral range can be used to study the differences in lo-
cal conductivity of both states [2]. Opposed to other techniques like



Regensburg 2019 — CPP

Wednesday

TEM, SNOM allows to study the same system in different states with-
out sample preparation or damaging the PCM.

To investigate the influence of defects on phase change processes in
highly scaled PCM devices, we electrically contacted and switched
PCM nanowires [3]. With infrared s-SNOM we revealed strong in-
homogeneities, which might be linked to a reduced local conduction
due to structural defects.

[1] M. Wuttig et al., Nat. Mater. 6, 824 (2007)

[2] M. Lewin et al., Appl. Phys. Lett. 107, 151902 (2015)

[3] S.Selmo et al., Appl. Phys. Lett. 109, 213103 (2016)

CPP 42.3 Wed 15:30 HS8
Switchable absorber/emitter based on vanadium dioxide —
oXiNrul Lyul23 TauBNerR TroMmas!, and YuNzHEN Cao? —
Hnstitute of Physics (IA), RWTH Aachen University, 52056 Aachen,
Germany — 2Key Laboratory of Inorganic Coating Materials CAS,
Shanghai Institute of Ceramics, Chinese Academy of Sciences, Shang-
hai 200050, PR China — 3University of Chinese Academy of Sciences,
Beijing 100049, PR China

We numerically demonstrate a switchable metamaterial ab-
sorber/emitter based on vanadium dioxide (VO2). The absorber
consists of three layers, top patterned VO2 layer, dielectric spacer
layer and bottom reflective layer. Perfect absorption can be thermally
turned on when the excitation of magnetic resonance is supported with
the metallic VO2, while switched off with semiconducting VO2. The
absorption peak can be tuned with different shapes and geometries
of patterned VO2 layer. The absorption bandwidth can be largely
broadened when using lossy metallic VO2 instead of noble metal as
reflective layer. The results would facilitate the design of switchable
metamaterials for active control in energy and sensing applications.

CPP 42.4 Wed 15:45 HS8
Tip-enhanced Raman spectroscopy of ultrathin ZnO layers on
Ag(111) — eSuuvi Livt, MarTiN Worr!, and Takasur Kumacar!-2
— !Department of Physical Chemistry, Fritz-Haber Institute of the
Max-Planck Society, Faradayweg 4-6, 14195 Berlin, Germany.
2JST-PRESTO, 4-1-8 Honcho, Kawaguchi, Saitama 332-0012, Japan.

Tip-enhanced Raman spectroscopy (TERS) is a powerful nanoscale vi-
brational microspectroscopy combining high-spatial resolution of SPM
with chemical sensitivity of surface enhanced Raman spectroscopy |1,
2, 3]. We report the TERS measurement of the ultrathin ZnO layers
epitaxially grown on a Ag(111) surface. The enhancement mechanisms
were examined in detail by a combination of STS and STM-induced
luminescence spectroscopy with the TERS measurements. We found a
clear correlation between the TERS signal and the plasmonic proper-
ties of the STM junction. It was also revealed that the TERS intensity
increases exponentially with decreasing the tip-surface distance and
the decay constant is largely different inside and outside the tunneling
regime. Our results provide a detailed insights into the TERS mecha-
nism and the plasmonic properties relevant for field enhancement and
confinement in nanoscale cavities. References [1] Annu. Rev. Phys.
Chem. 63, 379 (2012). [2] Chem. Rev., 117, 4961-4982 (2017) [3]
Chem. Soc. Rev., 46, 4020 (2017).

CPP 42.5 Wed 16:00 HS8
Dependence of graphene photoluminescence blinking on the
local field enhancement — MaRkus PFEIFFer!, eMo Lul, Boris
V. SeENkovskiy?, DaANNY HaBErRer3, FeLix R. FiscHEr3, Fan
Yanc2, KLaus MEerHOLZ!, YoicHl ANDOZ, ALEXANDER GRUNEISZ,
and Kras Linprors! — !Department of Chemistry, University of
Cologne, Luxemburger Str. 116, D-50939, Koln, Germany — 2II.
Physikalisches Institut, University of Cologne, Ziilpicher Strasse 77,
50937 Koéln, Germany — S3Department of Chemistry, University of
California at Berkeley, Tan Hall 680, Berkeley, CA 94720, USA

Armchair-edge graphene nanoribbons (AGNRs) are novel one-
dimensional semiconductors with well-defined structure and promis-
ing optoelectronic properties. Their nanometer-sized dimensions and
versatile electronic properties make them the ideal candidate for fu-
ture optoelectronics. By coupling GNRs to plasmonic nanoantennas
array, we obtain an enhancement of photoluminescence and Raman
scattering intensity [1]. In the hotspots of the antennas, we observe
the blinking of emission from AGNRs, which is a typical characteristic
of a single quantum emitter [2]. Here we study the influence of the local
field enhancement on the blinking process and find that the amplitude
of the blinking events strongly correlates with the enhancement.

Reference:

[1] M. Pfeiffer, et al. 2D Materials, 5, 045006 (2018)
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[2] M. Pfeiffer, et al. Nano Lett. 18, 7038-7044 (2018)

CPP 42.6 Wed 16:15 HS8
Electrochemistry on Copper Nanostructures for Active Plas-
monics — eANNETTE BOHME, FLORIAN STERL, ELINOR KATH,
Monika UBL, and HArRALD GiessEN — 4th Physics Institute and
Research Center SCoPE, University of Stuttgart, Pfaffenwaldring 57,
70569 Stuttgart, Germany

Applications of active plasmonics include the development of advanced
plasmonic color displays and switchable metasurfaces. We aim to fabri-
cate plasmonic nanostructures that can be switched electrochemically
by applying a voltage.

Copper is a suitable material for this attempt as it can easily be
switched electrochemically between copper (Cu) and copper oxide
(CuO/ Cu20) [1]. We have developed a manufacturing process to
fabricate high-quality inverse copper nanostructures that exhibit well-
modulated plasmonic resonances. We use these samples to perform
cyclic voltammetry in order to switch them electrochemically, and at
the same time we perform spectral reflectance measurements in the vis-
ible wavelength range. Thereby, we demonstrate that the resonances
can be reversibly shifted by as much as 80 nm. The wavelength shift be-
comes stronger after several cycles of voltammetry which we attribute
to the modification of the copper surface with repeated oxidation and
reduction.

These results provide a basis for the future development of pixelated
active plasmonic devices.

[1] Ye Wan, Yundian Zhang, Xianle Wang, and Qing Wang, Elec-
trochem. Commun. 36, 99 (2013).

CPP 42.7 Wed 16:30 HS8
How Metal Nanoantennas’ Optical Properties Affect Surface
Enhanced Infrared Absorption — eMicHAEL TzscHOPPE, CHRIS-
TIAN Huck, JocHEN VocT, FRANK NEUBRECH, and ANNEMARIE
Puccr — Kirchhoff Institute for Physics, Heidelberg University, Ger-
many

Surface enhanced infrared absorption (SEIRA) is known as a powerful
tool to study tiny amounts of molecules on the basis of enhanced
vibrational signals. In order to further increase the enhancement, the
impact of the structures’ geometry as well as their interaction have
been intensively investigated within the last decade.’? We present
an experimental study with focus on the impact of the nanoantennas’
metal-optical properties on SEIRA sensitivity. Various aspect ratios of
nanoantennas made of the metals gold, silver, copper, aluminum, and
iron, respectively, were inspected. From the measured fundamental
plasmonic resonance spectra the contributions of the intrinsic damping
(electron scattering) as well as the radiative damping (light scattering)
were evaluated. The SEIRA enhancement factors were determined for
a thin organic probe layer. These investigations finally yield the cor-
relation between the ratio of intrinsic damping and radiation damping
with the SEIRA enhancement, which clearly shows the maximum en-
hancement when both damping mechanisms contribute equally.?

[1] Neubrech et al. Chem. Rev. 2017, 117 (7), 5110
[2] Dong et al. Nano Lett. 2017, 17 (9), 5768
[3] Tzschoppe et al. J. Phys. Chem. C 2018, 122 (27), 15678

CPP 42.8 Wed 16:45 HS
‘Watching a single fluorophore molecule walk into a plasmonic
hotspot — Ling Xin':2, eMo Lu3, STerreN Bota?, MARKUS
PreIFFERS, MaxiMILIAN J. UrBanb2, Cuao Zuoul':2, Hao YaN?,
Tuomas Werss?, Na Liv!2, and Kras LinpFors® — Max Planck
Institute for Intelligent Systems, Heisenbergstrasse 3, 70569 Stuttgart,
Germany — 2Kirchhoff Institute for Physics, Heidelberg University, Im
Neuenheimer Feld 227, 69120 Heidelberg, Germany — 3Department
of Chemistry, University of Cologne, Luxemburger Strafte 116, 50939
Koln, Germany — 44th Physics Institute and Stuttgart Research Cen-
ter of Photonic Engineering, University of Stuttgart, 70569 Stuttgart,
Germany — ®Department of Chemistry & Biochemistry, Biodesign
Institute, Arizona State University, Tempe, AZ 85287-5601, USA

Plasmonic nanoantennas allow for enhancing the spontaneous emis-
sion, altering the emission polarization, and shaping the radiation pat-
tern of quantum emitters. A critical challenge for the experimental re-
alizations is positioning a single emitter into the hotspot of a plasmonic
antenna with nanoscale accuracy. We demonstrate a dynamic light-
matter interaction nanosystem enabled by the DNA origami technique.
A single fluorophore molecule can autonomously and unidirectionally
walk into the hotspot of a plasmonic nanoantenna along a designated
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origami track. Successive fluorescence intensity increase and lifetime
reduction are in situ monitored using single-molecule fluorescence spec-
troscopy. Our scheme offers a dynamic platform, which can be used to
develop functional materials, investigate intriguing light-matter inter-
action phenomena as well as to serve as examine theoretical models.

CPP 42.9 Wed 17:00 HS8

Surface-enhanced infrared absorption spectroscopy for in-
vitro detection of the polypeptide monolayer conformation
on a single gold nanoantenna — eROSTYSLAV SEMENYSHYN!:2
FLoriaN MoRrz!2, Frank NeuBrecH!3, and HArRALD Giessen'?2
— 14th Physics Institute and Research Center SCoPE, University of
Stuttgart — 2Center for Integrated Quantum Science and Technology,

IQST — 3Kirchhoff Institute for Physics, University of Heidelberg

In our present work, we demonstrate the capability of surface-enhanced
infrared absorption spectroscopy for ultra-sensitive in-vitro detection
of the secondary structure of polypeptides monolayer. We utilized a
monolayer of thiols as a bonding spacer for deposition of poly-L-lysine
(PLL) molecules onto the gold surface [1]. We tuned the length of
nanoantennas to be resonant at the frequency of the amide-I band of
PLL and performed SEIRA measurements in the D2O environment us-
ing a specially designed transmittance flowcell. To measure an optical
response of a single nanostructure, we pushed our system towards the
diffraction limit and therefore applied a light source with higher bril-
liance, namely specifically designed broadband tunable laser [2]. Then,
we compare our results to a globar, as well as a synchrotron, which
are well-known FTIR light sources. With further advances it might
become possible to scale the process down to a few or even single pro-
teins.

[1] R. Semenyshyn, M. Hentschel, C. Stanglmair, T. Teutsch, C. Tarin,
C. Pacholski, H. Giessen, and F. Neubrech, Nano Lett. (2018); doi:
10.1021/acs.nanolett.8b02372  [2] T. Steinle, F. Mérz, A. Steinmann,
and H. Giessen, Opt. Lett. 41, 4863 (2016)

CPP 42.10 Wed 17:15 HS8
Optical Nanoplasmonic CO2 Detection in the Visible by
Polyethylenimine — ePoHL ToBIAS, STERL FLORIAN, STROHFELDT
Nikoral, and GIEssEN HARALD — 4th Physics Institute and Research
Center SCOPE, University of Stuttgart, 70569 Stuttgart, Germany

In industrial production and other technologically relevant processes
CO2 is a common byproduct that must be monitored to keep up a

high efficiency. Most of the currently available CO2 detection systems
use an electrical readout. This poses in environments with explosive or
flammable gases a major risk of spark ignition. The available optical
solutions, which circumvent this risk altogether, rely on the charac-
teristic infrared absorption of CO2. While being very specific this
method requires a large sensing volume. In our contribution, we in-
troduce a cheap and compact nano-optical gas detection scheme for
CO2 based on a plasmonic perfect absorber structure combined with
the polymer polyethylenimine. The polymer acts as the gas sensitive
part as it changes its refractive index by absorbing CO2, which is then
translated by the absorber to a resonance shift. By tracking the plas-
mon resonance we studied the time, concentration, and temperature
dependence, as well as possibilities to enhance the response and aging
effects. Furthermore we will show that this sensing scheme also works
with a much simpler setup consisting only of a LED, a photodiode,
and appropriate electronics.

CPP 42.11 Wed 17:30 HS8
three-dimensional plasmonic nanostructure design for boost-
ing photoelectrochemical — eRUI XU, HUAPING ZHAO, MAX SOM-
MERFELD, and YONG LEI — Institut fiir Physik & IMN MacroNano,
Technische Universitdt Ilmenau, 98693, [lmenau, Germany

Plasmonic nanostructures have been widely incorporated into different
semiconductor materials to improve solar energy conversion. An im-
portant point is how to manipulate the incident light so that more
light can be efficiently scattered and absorbed by the semiconduc-
tors. Here, by using a tunable three-dimensional Au pillar/truncated-
pyramid (PTP) array as a plasmonic coupler, a superior optical ab-
sorption of about 95% within a wide wavelength range is demonstrated
from an assembled CdS/Au PTP photoanode. Based on incident pho-
ton to current efficiency measurements and the corresponding simula-
tions, it is concluded that the enhancement is mainly attributed to an
appropriate spectral complementation between surface plasmon reso-
nance modes and photonic modes in the Au PTP structure over the
operational spectrum. Because both of them are wavelength depen-
dent, the Au PTP profile and CdS thickness are further adjusted to
take full advantages of the complementary effect and subsequently, an
angle independent photocurrent with an enhancement of about 400%
was obtained. The designed plasmonic PTP nanostructure of Au is
highly robust and it could be easily extended to other plasmonic met-
als equipped with semiconductor thin film for photovoltaic and photo-
electrochemical cells.

CPP 43: Frontiers of Electronic-Structure Theory: Focus on the Interface Challenge VI (joint
session O/DS/CPP/TT)

Time: Wednesday 15:00-17:45

CPP 43.1 Wed 15:00 H9

First-principles quantum transport simulations including
strong correlation effects — eANDrREA DrocuETTI!, WILHELM
AppeLT?, Liviu CuionciL?, MiLos Raponiié?, ENrRIQUE MuRoz?,
STEFAN KIRCHNER®, DaviD Jacos!, DIETER VOLLHARDT?, ANGEL
RuBio%, and Ivan RUNGGER? — !University of the Basque Coun-
try (Spain) — 2University of Augsburg (Germany) — 3University
of Belgrade (Serbia) — *Pontificia Universidad Catolica de Chile —
5Zhejiang University (China) — $Max Planck Institute for the Struc-
ture and Dynamics of Matter (Germany) — 7National Physical Labo-

ratory (UK)

When magnetic molecules are brought into contact with metals the
electron-electron interaction leads to the appearance of the correlated
Kondo state. In this talk we will present the results of first-principles
calculations for the electronic structure and the linear-response con-
ductance of radical molecules adsorbed on metallic surfaces in the
Kondo regime [Phys. Rev. B 95, 085131 (2017), Nanoscale 10, 17738
(2018)]. In particular we will outline the methodological approach
as implemented in the Smeagol electron transport code and we will
benchmark the results against experiments. The method relies in the
first place on the combination of Density Functional Theory with the
Green’s functions technique. We will explain how a molecular devices
is projected onto an effective Anderson impurity problem, which is then
solved either by continuum time quantum Monte Carlo or numerical
renormalization group. Finally, we will describe some work-in-progress
aimed at computing transport properties beyond linear-response.
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CPP 43.2 Wed 15:15 H9

Density functional theory for transport through correlated

systems — oSTEFAN KURTH — Univ. of the Basque Country
UPV/EHU, San Sebastian, Spain — IKERBASQUE, Basque Foun-
dation for Science, Bilbao, Spain — Donostia International Physics

Center DIPC, San Sebastian, Spain

A recently proposed density functional formalism to describe electronic
transport through correlated systems in the steady state uses both the
density on the junction and the steady current as basic variables. The
corresponding Kohn-Sham system features two exchange-correlation
(xc) potentials, a local xc potential and an xc contribution to the bias,
which are universal functionals of the basic variables.

A recent parametrization of the xc potentials for the single-impurity
Anderson model correctly incorporates both the Kondo and Coulomb
blockade regimes. It allows for calculation of currents and differential
conductances at arbitrary bias and temperature at negligible numeri-
cal cost but with the accuracy of sophisticated renormalization group
methods. A time-local version of this functional is used to study the
Anderson model under the influence of both DC and AC biases. We
observe interaction-induced shifts of the photon-assisted conductance
peaks, supression of the Kondo plateau at zero temperature and lifting
of Coulomb blockade at finite temperature.

CPP 43.3 Wed 15:30 H9

Exact factorization of the many-electron wave function —
eCaMILLA PELLEGRINI', ANTONIO SANNA!, and EBerHArD K. U.
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Grosst2 — 1Max Planck Institute of Microstructure Physics, Wein-
berg 2, 06120 Halle, Germany — 2Fritz Haber Center for Molec-
ular Dynamics, Institute of Chemistry, The Hebrew University of
Jerusalem, Jerusalem 91904, Israel

The exact factorization approach [1], originally developed for a system
of electrons and nuclei, is extended to a system of electrons only. This
allows for a two-particle Schroedinger equation, which uniquely defines
the exact effective interaction between two electrons in the medium.
This interaction differs from the effective interaction, W, used in many-
body Green’s function techniques. In particular, it is spin-dependent.
We illustrate the formalism for the simplest case of exchange interac-
tions only.

[1] A. Abedi, N.T. Maitra, E.K.U. Gross, PRL 105, 123002 (2010).

CPP 43.4 Wed 15:45 H9
Many-body spectral functions from steady state density func-
tional theory — eDavip Jacos!2 and STEFAN KurTH!2:3 — 1 Dpto.
de Fisica de Materiales, Universidad del Pais Vasco UPV/EHU, San
Sebastian, Spain — 2IKERBASQUE, Basque Foundation for Science,
Bilbao, Spain — 3DIPC, San Sebastian, Spain

We present a scheme to extract the true many-body spectral function
of an interacting many-electron system from an equilibrium density
functional theory (DFT) calculation [1]. To this end we devise an
ideal STM-like setup and employ the recently proposed steady-state
DFT formalism (i-DFT) which allows to calculate the steady current
through a nanoscopic region coupled to two biased electrodes [2]. In
our setup one of the electrodes serves as a probe ("STM tip"). In
the ideal STM limit of vanishing coupling to the tip, the system to be
probed is in quasi-equilibrium with the "substrate" and the normalized
differential conductance yields the exact equilibrium many-body spec-
tral function. Moreover, from the i-DFT equations we derive an exact
relationship which expresses the interacting spectral function in terms
of the Kohn-Sham one. Making use of i-DFT xc functionals that cap-
ture Coulomb blockade as well as Kondo physics, the method yields
spectral functions for Anderson impurity models in good agreement
with NRG calculations. It is thus possible to calculate spectral func-
tions of interacting many-electron systems at the cost of an equilibrium
DFT calculation.

References: [1] D. Jacob and S. Kurth, Nano Lett. 18, 2086 (2018)
[2] G. Stefanucci and S. Kurth, Nano Lett. 15, 8020 (2015)

CPP 43.5 Wed 16:00 H9

Magnetic phase transitions induced by pressure and magnetic

field: the case of antiferromagnetic USb2 — eLEONID SAN-
DRATSKII — Max Planck Institute of Microstructure Physics, Halle,
Germany

Fascinating phenomena observed under applied pressure and magnetic
field are currently attracting much research attention. Recent exper-
iments have shown that application of the pressure or magnetic field
to the USb2 compound induce the transformations of the ground-state
antiferromagnetic (AFM) up-down-down-up structure to, respectively,
ferromagnetic (FM) or ferrimagnetic configurations. Remarkably, the
magnetic critical temperature of the FM state, induced by pressure, is
more than two times smaller than the Neel temperature of the ground
state. We performed density-functional theory (DFT) and DFT+U
studies to reveal the origin of the unusual magnetic ground-state of the
system and the driving mechanisms of the phase transitions. We in-
vestigate both the magnetic anisotropy properties and the parameters
of the interatomic exchange interactions. To study pressure-induced
effects we carry out calculations for reduced volume and demonstrate
that the AFM-FM phase transformation indeed takes place but de-
pends crucially on the peculiar features of the magnetic anisotropy.
We also explain why the magnetic field that couples directly to the
magnetic moments of atoms leads to the phase transition to the ferri-
magnetic state whereas the pressure that does not couple directly to
magnetic moments results in the FM structure.

CPP 43.6 Wed 16:15 H9
Charge localization at a weakly coupled molecule-metal
system studied by linear expansion A-self-consistent field
density-functional theory (ASCF-DFT) — eHapt H. Areri2,
DANIEL CORKEN®, REINHARD MAURER®, F. STeEraN Tautzl2,
and CHrisTIAN WAaGNERY2 — 1Peter Griinberg Institut (PGI-3),
Forschungszentrum Jiilich, Germany — 2JARA-Fundamentals of Fu-
ture Information Technology — 3Department of Chemistry, University
of Warwick, Coventry, United Kingdom
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Predicting the charge arrangements at the interface between molecules
and metals represents a formidable challenge for semi-local approxima-
tions to Density Functional Theory (DFT). This could become even
more critical when molecules are only weakly coupled to the metal.
Single-molecular devices based on such weak coupling have recently
been created by molecular manipulation with a scanning probe micro-
scope (SPM), where a single PTCDA (perylene-tetracarboxylic dian-
hydride) molecule was placed in a free-standing upright configuration
either on a SPM tip [1] or on a pedestal of two adatoms on the Ag(111)
surface [2]. There are indications that the mechanism stabilizing these
unexpected configurations is linked to an integer charge transfer cre-
ating a singly occupied molecular orbital. We use the ASCF-DFT
method [3] to confine charge on the LUMO of the PTCDA and study
the consequences with vdW-corrected DFT.

[1] C. Wagner et al. Phys. Rev. Lett. 115, 026101 (2015) [2] T.
Esat et al. Nature 558, 573 (2018) [3] R. J Maurer, K. Reuter, JCP
139, 014708 (2013)

CPP 43.7 Wed 16:30 H9
Dispersion corrected density functional theory studies on
PVDF /hydrated aluminium nitrate composite system —
eRANJINI SARKAR and TARUN KunDpU — Indian Institute of Tech-
nology, Kharagpur

Electro-active polymer Polyvinylidene fluoride (PVDF) based ferro-
electric composites have gained significant technological importance
over conventional ceramic ferroelectrics. This article provides quantum
chemical description of PVDF/ hydrated aluminium nitrate salt com-
posite system in the light of density functional theory. Four monomer
units of pristine @ and S-PVDF, pure A1(NO3)3.9H20, and PVDF/
A1(NO3)3.9H20 structures are optimized using dispersion corrected
exchange correlation functional BSLYP-D and 6-311+G(d,p) basis set.
Similar to the experimental findings, the current theoretical investi-
gation also suggests that hydrogen bond interaction between PVDF
and the hydrated salt molecule plays the major role for the enhance-
ment of ferroelectric properties in this composite system. Non-covalent
interaction phenomenon is elucidated on the basis of natural bond
orbital analysis, Bader’s quantum theory of atoms in molecules and
reduced density gradient analysis. Chemical Reactivity and charge
transfer mechanisms are explained using atomic-dipole corrected Hir-
shfeld population analysis, molecular electrostatic potential plot and
frontier molecular orbital analyses, respectively.

CPP 43.8 Wed 16:45 H9
Band-structure effects in vertical layered material het-
erostructures — eoNicHoras D. M. Hine!, GasrieL C.
ConsTANTINESCUZ, NELsON YEUNG!, Siow-Mean Lou!, Josi

MARIA EscaRrTiN2, CUAUHTEMOC SALAZAR GoNzaLEZ!, and NEIL R.
WiLson! — !Department of Physics, University of Warwick, United
Kingdom — 2Cavendish Laboratory, University of Cambridge, 19 JJ
Thomson Avenue, Cambridge CB3 OHE, United Kingdom

Controlling the properties of layered material heterostructures is cru-
cial to the success of devices based on the novel capabilities of 2D
materials, yet theoretical insight has been limited by the large sys-
tem sizes required to study rotated, incommensurate interfaces. We
use linear-scaling DFT calculations with non-local vdW functionals to
explore large-scale models of heterostructures of interest for device ap-
plications. Results will be presented for heterostructures including
MoS2/MoSe2, MoSe2/WSe2, and other Transition Metal Dichalco-
genide pairings, TMDCs with graphene and hBN substrates, and
hBN/Phosphorene. Band-structure changes caused by stacking and
rotation of the layers are obtained by unfolding the supercell spec-
tral function into the primitive cells, incorporating spin-orbit cou-
pling. Changes in spectral weight and band-structure between the
monolayers and heterostructured interfaces show how lattice mismatch
(MoS2/MoSe2) or spacer layers (Phosphorene/hBN /Phosphorene) can
allow the component monolayers to retain more independence in het-
erostructures than in homo-stacks. Finally, applying electric fields al-
lows the behaviour of gated structures to be predicted and explained.

CPP 43.9 Wed 17:00 H9
Global Trends in Calcium-Silicate-Hydrate Phases Identified
by Infrared Spectroscopy and Density Functional Theory —
eMOHAMMADREZA IzZADIFAR, FrRANZ KONIGER, ANDREAS (GERDES,
CHRISTOF WOLL, and PETER THissEN — Karlsruhe Institute of Tech-
nology (KIT), Institute of Functional Interfaces (IFG), Hermann-von-
Helmholtz-Platz 1, 76344 Eggenstein-Leopoldshafen, Germany

Building and construction industry are at the same time the backbone
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and the driving force of our modern society. Nearly all our today’s
technical infrastructure is based on cement-based materials. Detailed,
spectroscopic investigations of model reactions on well-defined mineral
substrates under UHV-conditions are largely lacking, thus prohibiting
a validation of theoretical methods. Eight different Calcium-Silicate-
Hydrate (CSH) phases, namely Tobermorite 14A7 Tobermorite HA,
and Tobermorite 9A, Wollastonite, Jaffeite, Jennite, 4-C2S, and a-
C2SH, are calculated with the help of Density Functional Theory us-
ing the Vienna ab initio simulation package (VASP). First, we take
care of the mechanical properties of the material. Our results revealed
that Jaffeite, v-C2S, and a-C2SH have a linear bulk modulus due to
the monomer structure of silicate tetrahedra. Tobermorite 14A and
Jaffeite have the lowest and highest bulk modulus, respectively. In
the second part, the optimized geometries allow for the precise calcu-
lations vibrational eigenmodes and frequencies by the force-constant
(FC) approach. The proportions of C/S and H/C are major criteria
for the classification of the calculated wavenumber of v(Si-O) for all
phases in our model system.

CPP 43.10 Wed 17:15 H9
Origin of carbon 1s binding energy shifts in amorphous car-
bon materials — eMicHAEL WALTER!"45 FIiLiPPO MANGOLINIZ,
RoBERT W. Carpick®, and MicHAEL MoseLER*® — 1FIT, Univer-
sity of Freiburg, Germany — 2University of Texas at Austin, USA
— 3University of Pennsylvania, USA — 4Fraunhofer IWM, Freiburg,

Germany — ®Physikalisches Institut, Universitit Freiburg, Germany

The quantitative evaluation of the carbon hybridization state by X-ray
photoelectron spectroscopy (XPS) has been a surface-analysis problem
for the last three decades due to the challenges associated with the un-
ambiguous identification of the characteristic binding energy values
of sp2- and sp3-bonded carbon. Here, we compute the binding en-
ergy values for model structures of various carbon allotropes, including
graphite, diamond, doped-diamond, and amorphous carbon (a-C), us-
ing density functional theory (DFT). The large band-gap of diamond

allows defects to pin the Fermi level, which results in large variations of
the C(1s) core electron energies for sp3-bonded carbon, in agreement
with the large spread of experimental C(1s) binding energy values for
sp® carbon. In case of hydrogen-free a-C, the C(1s) core electron bind-
ing energy for sp® carbon atoms is approximately 1 eV higher than the
binding energy for sp?-hybridized carbon. However, the introduction
of hydrogen hinders the unambiguous quantification of the carbon hy-
bridization state on the basis of C(1s) XPS alone. This work can assist
surface scientists in the use of XPS for the accurate characterization
of carbon-based materials.

CPP 43.11 Wed 17:30 H9
Mechanically tuned conductivity of graphene grain bound-
aries from first-principles calculations — DELWIN PERERA,
eJocHEN ROHRER, and KARSTEN ALBE — Institut fiir Materialwis-
senschaft, Technische Universitdt Darmstadt, Germany

Nanocrystalline graphene has recently been shown to have a strong
piezoresistivity and strain gauge factors that are notably higher com-
pared to single- or microcrystalline graphene [1]. The origin of the
enhanced piezoresistivity in nanocrystalline graphene is still not fully
understood, but several theoretical works suggest that grain bound-
aries are the main cause as these can evoke transport gaps.

In our work we test this assumption with density functional theory
based transport calculations of graphene bicrystals. In particular, we
extend our analysis of the interplay between grain boundary structure
and transport properties [2] by including mechanical strain. We com-
pute transmission functions and current-voltage curves and compare
them with tight binding calculations. Our findings suggest that the
strain-induced transport gap modulation can be fully described by the
response of the bulk graphene band structure towards strain.

[1] Riaz et al., Nanotechnology 26, 325202 (2015)
[2] Perera et al., Phys. Rev. B 98, 155432 (2018)

CPP 44: Condensed-matter simulations augmented by advanced statistical methodologies
(joint session DY /CPP)

Time: Wednesday 15:00-18:45

Invited Talk CPP 44.1 Wed 15:00 H20
Quantum Machine Learning — eANATOLE VON LILIENFELD —
Institute of Physical Chemistry, University of Basel

Many of the most relevant chemical properties of matter depend ex-
plicitly on atomistic and electronic details, rendering a first princi-
ples approach to chemistry mandatory. Alas, even when using high-
performance computers, brute force high-throughput screening of com-
pounds is beyond any capacity for all but the simplest systems and
properties due to the combinatorial nature of chemical space, i.e. all
compositional, constitutional, and conformational isomers. Conse-
quently, efficient exploration algorithms need to exploit all implicit re-
dundancies present in chemical space. I will discuss recently developed
statistical learning approaches for interpolating quantum mechanical
observables in compositional and constitutional space. Results for our
models indicate remarkable performance in terms of accuracy, speed,
universality, and size scalability.

CPP 44.2 Wed 15:30 H20
Quantum Monte Carlo method for Vibrational Frequencies —
oYU Yanc Liv and GAReETH ConbpuUIT — University of Cambridge,
UK

Quantum Monte Carlo methods have become a leading contender for
high accuracy calculations for the electronic structure. Calculating en-
ergy derivatives such as atomic forces and the matrix of force constants
is important in relaxing structures, calculating vibrational properties,
and performing molecular dynamics simulations. We develop a quan-
tum mechanical expectation value to evaluate the matrix of force con-
stants directly in Quantum Monte Carlo. The approach allows the full
modeling of correlation effects such as Van der Waals force, opening
new applications to molecules and solids in condensed matter.

CPP 44.3 Wed 15:45 H20

Localized Basis Functions for Variationally Enhanced Sam-
pling — eBeENJAMIN PaMPEL, KurRr KREMER, and OMAR VALSSON
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Location: H20

— Max Planck Institute for Polymer Research, Mainz, Germany

Variationally Enhanced Sampling (VES) is a recently developed
method for molecular dynamics simulations. It enhances sampling by
introducing a bias potential along certain collective variables that is
constructed via minimisation of a convex functional.

This bias potential is usually represented by a linear expansion
in some basis set, with delocalised functions such as plane waves or
Chebyshev/Legendre polynomials as common choices. However, it is
an open question if localised functions perform better. In particular,
the wavelet family of Daubechies might be a good choice. These func-
tions offer the favourable property of forming an orthonormal basis
with a tunable number of vanishing moments. Furthermore, their in-
trinsic principle of multiresolution allows increasing the precision of
the bias representation at specific points of interest.

We have implemented Daubechies wavelets into the VES code and
have tested their performance in various systems. As a direct compari-
son of the different basis sets is difficult, we have developed a new mea-
sure of the error of free energy calculations. The Daubechies wavelets
are observed to perform better than both Chebyshev/Legendre poly-
nomials and Gaussian basis functions, resulting in faster convergence
and yielding more accurate free energy surfaces without increases in
computational cost.

CPP 44.4 Wed 16:00 H20
Representing molecules and materials for accurate interpola-
tion of quantum-mechanical calculations — eMARCEL LANGER,
ALEX GoessMANN, and MartHiaAs Rupp — Fritz Haber Institute of
the Max Planck Society, Berlin, Germany

The search for novel materials, the exploration of phase diagrams and
other high-throughput applications require numerical simulations of
molecules and materials from first principles, but are limited by their
high computational cost. By interpolating between reference calcula-
tions, machine learning can act as a fast accurate surrogate for these
calculations, greatly increasing the number of accessible systems. [1]
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This requires a representation of molecules and materials suitable for
interpolation. = We show how the state-of-the-art representations can
be understood in a unified framework [2] based on local descriptions of
atomic environments via k-body functions, group averaging and tensor
products, and discuss implications. We benchmark predictive accuracy
of selected representations by carefully controlling for all other factors,
including data distribution, regression method and optimization of free
parameters. For the latter, we employ a consistent and fully automatic
procedure to optimize both numerical and categorical free parameters,
such as the choice of k-body functions, using sequential model-based
optimization with tree-structured Parzen estimators. [3]

References: [1] a) Rupp et al, Phys Rev Lett 108, 058301, 2012. b)
Rupp, Int J Quant Chem 115, 1058, 2015. [2] Willatt et al, Phys
Chem Chem Phys, accepted, 2018. [3] a) Bergstra et al, NIPS 24,
2546, 2011; b) Bergstra etal, ICML 30, 1-115, 2013.

CPP 44.5 Wed 16:15 H20
Machine Learning of Free Energies — eCLEMENS RAUER and
TrisTAN BEREAU — Max Planck Institute for Polymer Science, Ack-
ermannweg 10, 55128 Mainz, Germany

Free energies are important molecular properties which can provide an
insight into the thermodynamic state of the respective system. Ac-
curate calculations of free energies are an important tool for many
biophysical applications, ranging from protein-ligand binding[1] to the
insertion of small molecules into a lipid[2]. However, computation-
ally expensive high level simulations are necessary in order to obtain
accurate free energy estimates, and therefore, only a small subset of
chemical space can be accurately covered. We overcome this problem
by building a A-machine learning[3] model. Using this approach we
can use a "cheap" low level method to predict free energies and learn
the correction to a higher level method or experimental value. Then,
we can predict high level free energies for significantly larger compound
sets than was used in the training of the model. We show that by us-
ing only limited high level data, highly accurate free energies can be
calculated using this method. As a first system we apply this approach
to the prediction of hydration free energies.

[1] Mobley, D.L. & Gilson, M.K. Annu. Rev. Biophys. 2017, 46:531-
58

[2] Menichetti, R. et al. J. Chem. Phys. 2017, 147, 125101

[3] Ramakrishnan et al. J. Chem. Theory Comput. 2015, 11, 2087-
2096

CPP 44.6 Wed 16:30 H20
Deep Learning for Multiscale Simulations of Soft Matter Sys-
tems — eMARC STIEFFENHOFER!, TRISTAN BEREAU!, and MICHAEL
WanDp? — !Max Planck Institute for Polymer Research, Ackerman-
nweg 10, 55128 Mainz — 2Institute of Computer Science, Johannes
Gutenberg University Mainz

The great success of Deep Neural Networks (DNNs) is based on their
ability to learn and extract descriptive features directly from train-
ing data and to build a hierarchical, abstract representation of the
input that takes multiple length scales into account. Such multiscale
representations can also be found in soft matter systems where many
physical phenomena and properties are governed by a large range of
different length- and timescales.

In this work, we explore links between multiscale representations of
DNNs and multiscale simulations of soft matter systems. The main
focus is to investigate if DNNs can be used to link distribution func-
tions generated at different resolutions. We have applied DNNs to
the backmapping of coarse-grained molecular configurations to higher-
resolution representations. This requires to reproduce the fine-grained
statistics that match the coarse-grained representation.

Our model relies on 3D convolutional neural networks that are trained
to generate molecular equilibrium structures. The training of the
model is based on the generative adversarial approach and results are
discussed for a system of octane molecules.

CPP 44.7 Wed 16:45 H20
Unsupervised machine learning of chemical compound space
for hierarchical screening and coarse-graining applications —
eKiraN KaNEKkAL, Kurr KREMER, and TRISTAN BEREAU — Max
Planck Institute for Polymer Research, Mainz, Germany

Recently, the number and type of chemical fingerprints used for super-
vised learning of molecular properties has increased significantly, as
the importance of properly encoding the 3D structure of a molecule to
greatly increase accuracy has been recognized. Some of the most suc-
cessful of these fingerprints encode a great deal of physical information,
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including coefficients for potential energy functions commonly used in
classical atomistic molecular dynamics simulations [1]. In this work,
we incorporate these fingerprints into an unsupervised machine learn-
ing (clustering) scheme to define subspaces in the chemical compound
space, for which we use the Generated DataBase [2] (GDB) as a proxy.
We show that the use of different molecular fingerprints leads to sig-
nificant differences in the clustering observed, as each fingerprint will
highlight specific molecular properties. Therefore, unsupervised learn-
ing, when coupled with these fingerprints, naturally enables hierarchi-
cal screening approaches for materials design. Furthermore, the pres-
ence of strong correlations between clusters identified using different
fingerprints implies that a lowering of resolution (i.e. coarse-graining)
is viable for that specific region of chemical compound space.

1. B. Huang and O. A. von Lilienfeld, J. Chem. Phys. 2016, 145,
161102. 2. T. Fink and Jean-Louis Reymond, J. Chem. Inf. Model.
2007, 47, 342.

15 min. break

CPP 44.8 Wed 17:15 H20
Understanding three-body contributions to coarse-grained
force fields — eCHRISTOPH SCHERER, RENE SCHEID, TRISTAN
BerEAu, and DENIsS ANDRIENKO — Max-Planck-Institut fiir Polymer-
forschung, Mainz, Germany

Coarse-graining (CG) is a systematic reduction of the number of de-
grees of freedom (DOF) used to describe a system of interest. CG
can be thought of as a projection on the CG DOF and is therefore
dependent on the number and type of CG basis functions. We present
an extension of the two-body basis set with three-body basis func-
tions [1]. The CG scheme is implemented in the VOTCA-CSG toolkit
[2]. We show that naive extensions of the CG force field can result in
substantial changes of the two-body interactions making them much
more attractive. This is related to the three-body basis functions of
the Stillinger-Weber type having a significant two-body component.
This interference can be alleviated by CG the two-and three-body
contributions separately. Furthermore, we employ Kernel-based Ma-
chine learning (ML) [3] overcoming the restrictions of a fixed basis set.
The approach is illustrated on liquid water where three-body interac-
tions are essential to reproduce the structural properties, and liquid
methanol where two-body interactions are sufficient to reproduce the
main features of the atomistic system. [1] Scherer, Andrienko, PCCP,
20, 22387 (2018); [2] Riihle, Junghans, Lukyanov, Kremer, Andrienko,
JCTC, 5, 3211 (2009); [3] Glielmo, Sollich, De Vita, PRB, 95, 214302
(2017)

CPP 44.9 Wed 17:30 H20
Reweighting Dynamics of Nonequilibrium Steady States —
eMAaRrIUs Bausge, TiMmoN WITTENSTEIN, KURT KREMER, and TRIs-
TAN BEREAU — Max Planck Institute for Polymer Research, Acker-
mannweg 10, 55128 Mainz

Markov State Models(MSM) are a discrete representation of the kinet-
ics of a given system constructed by coarse-graining microtrajectories.
While frequently applied to equilibrium systems, a protocol for non-
equilibrium steady state systems (NESS) has not been developed due
to loss of dynamic properties like detailed balance. We propose to
apply the principle of Maximum Caliber by Jayne’s, postulating that
the distribution of paths is given by the maximal path entropy. The
markovian assumption alleviates the combinatorial explosion of mi-
crotrajetories. The entropy production between states is chosen for
a physical constraint and defines the NESS ensemble. By choosing a
reference system for a prior, reweighting between ensembles becomes
possible. The entropy productions become the defining elements of
the ensemble. The method is tested on a minimal model under non-
conservative forces.

CPP 44.10 Wed 17:45 H20
Free Energy Landscape of Phase Transitions Investigated by
Enhanced Sampling over Degenerate Collective Variables —
eBIN Song, Kurr KREMER, and OMAR VALssoN — Max Planck In-
stitute for Polymer Research, Mainz, Germany

Phase transition events such as nucleation of atomic or molecular crys-
tals, self-assembly of micelles etc. have been intriguing scientists not
only for their underlying physical principles, but also for their po-
tential applications. Molecular dynamic simulations are increasingly
called upon to either provide the detailed mechanistic insights and to
prognosticate such events that may be too expensive or slow to exam-
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ine with experiments. As potential energy surface of such events are
often complex and difficult to sample, free energy surface (FES) are
preferred. However, FES presents its own challenge to sample when
the height of barriers are higher than or comparable to the thermal
energy. Enhanced sampling methods biasing on properly chosen col-
lective variables (CVs) can help overcome these barriers. Sometimes
globally defined CVs are not sufficient, and more than a few of locally
defined ones are needed. The increased dimensionality of the bias po-
tential could be another source of frustration for achieving properly
sampled FES, which we would like to alleviate with our new devel-
opment of Variational Enhanced Sampling (VES) in cases where the
local CVs are permutationally invariant. We demonstrate the capa-
bility of the new development by sampling the phase transitions in
systems of increased complexity, including Lennard-Jones clusters and
liquid-solid transition in materials.

CPP 44.11 Wed 18:00 H20
Efficient Equilibration of Hard Particles with Collective
Moves — A Comparison of Computational Methods — eMAaRco
KLEMENT and MicHAEL ENGEL — Institute for Multiscale Simulation,
Friedrich-Alexander-Universitat Erlangen, Germany

Particle simulations are an important method to study the phase be-
havior of fluids and solids. A common task is structure prediction via
thermal equilibration. Examples are crystallization or melting and the
aging of glasses. Near the liquid-solid phase transition of hard spheres
event driven molecular dynamics is known as most efficient. Monte
Carlo simulations are boosted by event-chain in the same region. It
is neither clear how equilibration does benefit from Newtonian motion
nor how the efficiency of an algorithm should be quantified; and several
ways are in use. Here we present further improvement of event-chain
Monte Carlo by bringing the chain closer to natural movement with
particle reflection events and quantify the improvement using different
approaches from literature.

CPP 44.12 Wed 18:15 H20
The temperature dependence of the mechanical unfolding of a
supramolecular complex studied by molecular simulations —

TakasHl Kato, KEN SCHAFER, STEFAN JASCHONEK, and e GREGOR
DiezemMANN — Institu fiir Physikalische Chemie, Universitdt Mainz

The conformational dynamics of supramolecular complexes can be
studied on a single molecule level using the techniques of dynamic force
spectroscopy and important kinetic information can be extracted. Us-
ing models for the free energy landscape of the system as a function of
the molecular extension it is possible to obtain parameters like the bare
unfolding rate, the activation free energy in the force-free case and also
the distance between the folded configuration and the transition state.
In the present work we performed molecular simulations of the me-
chanical unfolding of a model molecular complex, a pair of interlocked
calixarene catenanes. From rupture force distributions the kinetic rates
for the opening transition were extacted for varying parameters of the
pulling device. In order to be able to perform a model-free analysis we
performed simulations over a broad range of temperatures and found
Arrhenius behavior for the kinetic rates. This allows to determine the
activation free energy and the bare rate independently as a function
of the force without using specific models for the shape of the energy
landscape. We discuss our findings in light of the models that are usu-
ally used in the analysis of force dependent kinetic rates obtained from
experimental or simulation data.

CPP 44.13 Wed 18:30 H20
An efficient anharmonic free energy method applied to va-
cancies in ZrC — eTHoMAS MELLAN', ANDREW DUFF?, BLAZEJ
Grapowski®, and MicHAEL Finnis! — Imperial College, London,
UK — 2Hartree Centre, Daresbury, UK — 3Max-Planck-Institut fiir
Eisenforschung GmbH, Diisseldorf, Germany

‘We have developed a thermodynamic integration approach to calculate
the anharmonic contribution to the volume and temperature depen-
dent free energy of a crystal. The method provides an effective balance
between accuracy and computational efficiency, giving a factor of 15
speed-up on comparable free energy approaches with average errors
less than 1 meV/atom. The method is demonstrated with new pre-
dictions on the thermodynamics of substoichiometric ZrC, including
vacancy concentration and heat capacity.

CPP 45: Photovoltaics (joint session HL/CPP)

Time: Wednesday 15:00-17:30

CPP 45.1 Wed 15:00 H36
Revisiting the electronic structure of vanadium doped In3S3
— eELAHEH GHORBANI!, PAuL ErRHART?, and KARSTEN ALBE! —
Hnstitut fiir Materialwissenschaft, Technische Universitat Darmstadt,
Darmstadt, Germany — ?Department of Physics, Chalmers University
of Technology, Gothenburg, Sweden

Transition metal impurities often have noticeable impacts on the elec-
tronic and optical properties of the host material. Recently, they have
been suggested as intentional dopants for the purpose of creating inter-
mediate metallic bands within the band gap of parent semiconductor.
These intermediate bands (IB), if partially filled and optimally placed
between valence and conduction bands, can collect photons of sub-band
gap energies and enhance the photocurrent density. In this context,
the formation of an IB in V-doped In2S3 (In2S3:V) was predicted by
first-principles calculations. In this contribution, we revisit In2S3:V,
using a band gap corrected method (hybrid functional) and show that
V3t (with 3t§q62 configuration) substituting for octahedral In37 is a
Jahn-Teller active ion. The aroused Jahn-Teller distortion necessitates
removing the degeneracy of a4 levels through splitting it into filled e
and empty a sublevels, which reside at the top of the valence band
and bottom of the conduction band, respectively. Consequently, no IB
forms, when both V and In are in 3+ oxidation state. To give a fuller
picture of In2S3:V, we studied the rehybridization of V d orbitals with
S p orbitals for different oxidation numbers of V. Our results show that
in the presence of a reducing agent, like HT, a totally filled ta2q4 level
can form inside the gap.

CPP 45.2 Wed 15:15 H36
Angle-resolved electroreflectance spectroscopy on CIGS so-
lar cell absorber and buffer layers — eJasMIN SEEGER!,
Jonas GrRuTKE!, WoLrraM WITTEZ, DiMiTRIOS HARISKOS?, OLIVER
Kiowski2, Hemnz Karr!, and MicHaeL HETTERICH!3 — lInstitute

of Applied Physics, Karlsruhe Institute of Technology (KIT), 76131
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Location: H36

Karlsruhe, Germany — 2Zentrum fiir Sonnenenergie- und Wasserstoff-
Forschung Baden-Wiirttemberg (ZSW), 70563 Stuttgart, Germany —
3Light Technology Institute, KIT, 76131 Karlsruhe, Germany

Thin-film Cu(In,Ga)Ses (CIGS) solar cells can be further improved by
replacing the standard CdS buffer layer with an alternative material,
which leads to less absorption losses and therefore higher efficiencies.
We employ electroreflectance spectroscopy (ER) for the destruction-
free determination of the bandgap energies of different buffer materials
grown by chemical bath deposition and to get insights into potential
interdiffusion processes at the buffer/absorber interface. In this con-
tribution, a new ER technique called angle-resolved electroreflectance
spectroscopy (ARER) is presented, which allows the determination of
the buffer’s bandgap energy. This is possible despite interference ef-
fects occurring due to the layered structure and despite the low signal
due to the small buffer thickness. To demonstrate the applicability of
ARER, results for absorber and CdS buffer layers are shown and com-
pared to results from other ER measurement methods. Additionally,
ARER is applied to solar cells with Zn(O,S) buffer layers, enabling the
determination of the sulfur to oxygen ratio of the Zn(O,S) buffer and
yielding hints for the possible formation of mixed phases.

CPP 45.3 Wed 15:30 H36

Spatially resolved composition and functionality of high ef-
ficiency Cu(In,Ga)Se2 thin film solar cells — eCHRISTIAN
Prass!, Maurizio Ritzer!, PHiLIPP ScHOPPE!, SVEN SCHONHERR!,
PuiLip Jackson?, RoLanp WuEgrz?, CrLaupia S. ScHNoHR!, and
CarsTEN RonniNg! — llInstitut fiir Festkorperphysik, Friedrich-
Schiller-Universitat Jena, Max-Wien-Platz 1, 07743 Jena, Germany
— 2Zentrum fiir Sonnenenergie- und Wasserstoff-Forschung Baden-
Wiirttemberg, Stuttgart, Germany

Cu(In,Ga)Se2 solar cells yield one of the highest efficiencies among all
thin film photovoltaics. Compositional variations of the absorber el-
ements as well as incorporated alkali elements significantly affect the
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conversion efficiency. Hence there is a strong need to determine the
composition spatially resolved.

High resolution synchrotron based methods like X-ray fluorescence
analysis (XRF) and X-ray beam induced current (XBIC) enable in-
sight into such compositional and functional variations. Simultaneous
XRF and XBIC measurements of complete solar cells were conducted
in plan-view geometry: The highly focused X-ray nanobeam at the
ID16B-NA station of the European Synchrotron Radiation Facility
scanned the solar cell and by analyzing the emitted X-Ray fluores-
cence radiation together with the corresponding induced current cor-
relating maps are obtained. As the spatial resolution is about 50 nm,
we can show how different elemental compositions, grains and grain
boundaries influence the measured current.

CPP 45.4 Wed 15:45 H36
Intrinsic point defects in kesterite-type Cu2ZnGeSe; com-
pound semiconductors eDaNIEL FriTscu! and Susan
ScHorr!2 — !Department Structure and Dynamics of Energy Mate-
rials, Helmholtz-Zentrum Berlin fiir Materialien und Energie, Hahn-
Meitner-Platz 1, 14109 Berlin, Germany — 2Department of Geo-
sciences, Freie Universitat Berlin, Malteserstr. 74-100, 12249 Berlin,
Germany

In recent years, kesterite-type compound semiconductors such as
Cu2ZnSnS4 and CuzZnSnSes (CZTSSe) received a lot of attention
due to their possible application as absorber layers in low-cost thin-film
solar cells. However, substituting Ge** for Sn** in CZTSSe kesterite-
type absorber layers has been shown to improve the optoelectronic
properties [1].

Here, we address the computational modelling of intrinsic point de-
fects in kesterite-type Cu2ZnGeSes employing density functional the-
ory together with the PBE and the more accurate hybrid functional
HSEQ06. Details of the intrinsic defects’ characteristics will be dis-
cussed, as well as their influence on the electronic and optical proper-
ties.

This work made use of computational resources provided by the
North-German Supercomputing Alliance (HLRN), and the Soroban
and Dirac HPC facilities of the Freie Universitdt Berlin and the
Helmholtz-Zentrum Berlin, respectively.

[1] R. Gunder, J. A. Marquez-Prieto, G. Gurieva, T. Unold, and
S. Schorr, Cryst. Eng. Comm. 20, 1491 (2018).

15 min. break

CPP 45.5 Wed 16:15 H36
2D sb2s3 periodic structure induced absorption enhancement
— eWEI WaNgG, PaTrick PFEIFFER, and LukAs SCHMIDT-MENDE —
Konstanz University

Sb2S3 is a promising candidate for solar cell absorbers due to its
high absorption coefficient, suitable band gap and earth-abundant con-
stituents. Here we present the fabrication of 2D Sb2S3 structures by
direct laser interference method and direct electron beam lithography
method. The periodic structure induced absorption enhancement can
be observed by UV-VIS absorption spectrum and verified by finite dif-
ference time domain (FDTD) simulation.

CPP 45.6 Wed 16:30 H36
Numerical and experimental analysis of the time resolved
photo-luminescence method at the buffer-absorber interface
of CIGS thin film solar cell — e AsHwIN HARIHARAN, IEVGENIIA
SAVCHENKO, JORG OHLAND, HippoLyTE Hirwa, and STEPHAN HEISE
— LCP, University of Oldenburg, Oldenburg, Germany

The minority carrier lifetime is an important second level parameter
which affects the primary parameters of the solar cell. To study the
minority carrier lifetime - or more generally, the carrier dynamics -,
time-resolved photoluminescence (TRPL) method is a powerful tech-
nique. The main result obtained from TRPL is the luminescence decay
time (or in some cases more than one decay constant), after which two
questions follow: (i) under which circumstances is the decay time a
direct indicator of minority carrier lifetime, and (ii) is the correla-
tion between minority carrier lifetime and open-circuit voltage valid
across all cases. The primary objective of this research is to under-
stand the first correlation in a more perfect manner by studying the
charge carrier separation near the heterojunction of CdS/CIGSe. The
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study includes both experimental analysis and simulation using, Syn-
opsys TCAD. Experimentally, the main analysis involves wavelength-
dependent pulsed illumination through which one gains control of the
carrier injection density at different depths inside the absorber layer.
For simulation, accurate representation of material parameters in the
space charge region of the junction will be done. Based on the base-
line model, dependence between physical parameters must be found in
order to establish the agreement between numerical and experimental
decay curves.

CPP 45.7 Wed 16:45 H36
The impact of solar cell layer variations on the temperature
coefficient of CIGS thin film solar cells — eHamsa AHMED!,
JANET NEERKEN!, JOrRG OHLAND!, IEVGENIIA SAvCHENKO!, Hip-
poLyTE Hirwal, ArLrons WEeBER?, ROBERT LCHNER?, JURGEN
Parisi', and StepuAN HEIseE! — 1University of Oldenburg, D-26111

Oldenburg, Germany — 2Avancis GmbH, Munich, Germany

One of the most promising alternatives in photovoltaic technologies is
Cu(In,Ga)(S,Se)2 (CIGS)-based thin *lm solar cells, mainly because
it has reached over 22% efficiency during the recent years, its high en-
ergy yield production, and relatively low temperature coefficients (8x).
The temperature coefficients quantify how the solar cell performance
changes with temperature and they play a significant role to maximize
the energy yield. In order to investigate the impact of the individual
solar cell layers on the temperature coefficients, in this study a system-
atic characterization was performed on various CIGS solar cells with
different layer variations such as the absorber, back contact, and buffer
layer. The temperature coefficients were extracted from IV (current-
voltage) measurements indoor at different illumination intensities in
the range of (20*50)°C. Low temperature IV measurements were ac-
complished in order to assess the activation energies, and to compare
them with the band gap values from glow-discharge optical emission
spectroscopy (GDOES) and external quantum efficiency (EQE) mea-
surements. Further analyses were accomplished to examine the recom-
bination; such as thermal admittance spectroscopy (TAS) to correlate
it with the diode parameters n and JO.

CPP 45.8 Wed 17:00 H36
The impact of solar cell layer variations on the temperature
coefficient of CIGS thin film solar cells — eHamsa AHMED!,
JANET NEERKEN!, JOrRG OnLAND!, IEVGENIIA SAVCHENKO!, Hip-
poLyTE Hirwal, ArLrons WEeBER?, ROBERT LCHNER2?, JURGEN
Parist!, and STeEpuAN HEISE! — 1 University of Oldenburg, D-26111

Oldenburg, Germany — 2Avancis GmbH, Munich, Germany

One of the most promising alternatives in photovoltaic technologies is
Cu(In,Ga)(S,Se)2 (CIGS)-based thin film solar cells, mainly because
it has reached over 22% efficiency during the recent years, its high en-
ergy yield production, and relatively low temperature coefficients (8x).
The temperature coefficients quantify how the solar cell performance
changes with temperature and they play a significant role to maximize
the energy yield. In order to investigate the impact of the individual
solar cell layers on the temperature coefficients, in this study a system-
atic characterization was performed on various CIGS solar cells with
different layer variations such as the absorber, back contact, and buffer
layer. The temperature coefficients were extracted from IV (current-
voltage) measurements indoor at different illumination intensities in
the range of (20*50)°C. Low temperature IV measurements were ac-
complished in order to assess the activation energies, and to compare
them with the band gap values from glow-discharge optical emission
spectroscopy (GDOES) and external quantum efficiency (EQE) mea-
surements. Further analyses were accomplished to examine the recom-
bination; such as thermal admittance spectroscopy (TAS) to correlate
it with the diode parameters n and JO.

CPP 45.9 Wed 17:15 H36
2D sb2s3 periodic structure induced absorption enhancement
— eParrICK PFEIFFER, WEI WANG, and Lukas ScHMIDT-MENDE —
Konstanz University

Sb2S3 is a promising candidate for solar cell absorbers due to its
high absorption coefficient, suitable band gap and earth-abundant con-
stituents. Here we present the fabrication of 2D Sb2S3 structures by
direct laser interference method and direct electron beam lithography
method. The periodic structure induced absorption enhancement can
be observed by UV-VIS absorption spectrum and verified by finite dif-
ference time domain (FDTD) simulation.
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CPP 46: Microswimmers (joint session DY /CPP)

Time: Wednesday 15:30-18:00

CPP 46.1 Wed 15:30 H19
Orientational ordering and collective motion in (semi-)dilute
suspensions of active microswimmers — CHRIsTIAN HOELL,
Griorcio Pessor, HARTMUT LOWEN, and e ANDREAS M. MENZEL —
Heinrich-Heine-Universitdt Diisseldorf, Diisseldorf, Germany

Polar orientational ordering in crowds of self-propelled particles is con-
nected to the emergence of collective motion. We study orientational
ordering in suspensions of active microswimmers. These objects propel
by setting the surrounding fluid into motion. Since we focus on (semi-)
dilute suspensions, such hydrodynamic effects dominate the swimmer
interactions. For simplicity, we concentrate on planar arrangements of
so-called pushers and pullers, which induce different flow fields.

In such a situation, our simulations indicated polar orientational
ordering for puller microswimmers, in contrast to pushers [1]. Thus,
we analyzed the behavior of binary pusher—puller mixtures. Inter-
estingly, we found that smaller amounts of pusher microswimmers can
show a larger degree of orientational order than surrounding puller mi-
croswimmers in an ordered suspension of mainly pullers [1]. Increasing
the amount of pushers makes the orientational order break down.

To further quantify these phenomena, we performed a linear sta-
bility analysis of a corresponding dynamical density functional theory
for pusher and puller suspensions [2]. Indeed, we found homogeneous
polar orientational order to arise from a linear instability of disordered
suspensions of strong pullers, in contrast to pushers.

[1] G. Pessot et al., Mol. Phys. 116, 3401 (2018).
[2] C. Hoell et al., J. Chem. Phys. 149, 144902 (2018).

CPP 46.2 Wed 15:45 HI19
Maximum in density heterogeneities of active swimmers —
eFaBIAN JAN ScHWARZENDAHL! and Marco G. Mazzal? — 'Max
Planck Institute for Dynamics and Self-Organization, Am Fafberg 17,
37077 Gottingen, Germany — 2Interdisciplinary Centre for Mathe-
matical Modelling and Department of Mathematical Sciences, Lough-
borough University, Loughborough, Leicestershire LE11 3TU, United
Kingdom
Suspensions of unicellular microswimmers such as flagellated bacte-
ria or motile algae can exhibit spontaneous density heterogeneities at
large enough concentrations. We introduce a novel model for biolog-
ical microswimmers that creates the flow field of the corresponding
microswimmers, and takes into account the shape anisotropy of the
swimmer’s body and stroke-averaged flagella. By employing multipar-
ticle collision dynamics, we directly couple the swimmer’s dynamics
to the fluid’s. We characterize the nonequilibrium phase diagram, as
the filling fraction and Péclet number are varied, and find density het-
erogeneities in the distribution of both pullers and pushers, due to
hydrodynamic instabilities. We find a maximum degree of clustering
at intermediate filling fractions and at large Péclet numbers resulting
from the competition of hydrodynamic and steric interactions between
swimmers. We develop an analytical theory that supports these re-
sults. This maximum might represent an optimum for the microor-
ganisms’ colonization of their environment.

CPP 46.3 Wed 16:00 HI19

Stabilization of a square vortex lattice in microswimmer sus-
pensions by periodic arrays of obstacles — e HENNING REINKEN!,
SEBASTIAN HEIDENREICHZ, IcOR S. ARANSON3, MARKUS BARr?, and
SaBINE H.L. Krapp! — !Technische Universitéit Berlin, Berlin, Ger-
many — 2Physikalisch-Technische Bundesanstalt, Berlin, Germany —

3Pennsylvania State University, University Park, PA 16802, USA

Bacterial suspensions, a paradigmatic example of an active fluid, are
known to exhibit a state denoted as mesoscale turbulence which is char-
acterized by chaotic dynamics of vortices of a characteristic size. In
a recent experiment, these vortices have been stabilized into a square
lattice with antiferromagnetic order by geometrically constraining the
bacterial suspension using periodic arrays of obstacles with a spac-
ing in the range of the unconstrained vortex size [1]. Interestingly,
the vortices are consistently located in the gaps between the obstacles
rather than forming around them [1]. We aim to reproduce the pat-
terns observed in the experiment using a recently derived fourth-order
field theory for a vectorial order parameter representing an effective
microswimmer velocity [2]. In this continuum theoretical framework,
we numerically explore different implementations of the constraints:
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Obstacles that favor negatively charged topological defects straightfor-
wardly reproduce the observed vortex lattice configuration. For topo-
logically neutral defects, higher order nonlinear effects are required to
break the topological symmetry and stabilize a certain configuration.
[1] D. Nishiguchi et al., Nat Commun. 9, 4486 (2018).
[2] H. Reinken et al., Phys. Rev. E 97, 022613 (2018).

CPP 46.4 Wed 16:15 H19
Complex dynamic response of magnetocapillary swimmers
— @ALEXANDER SUKHOV!, SEBASTIAN ZIEGLERZ, ANA-SUNCANA
Smitn?, and Jens Harringb? — !Helmholtz Institute Erlangen-
Nuernberg for Renewable Energy (IEK-11), Forschungszentrum
Juelich GmbH, 90429 Nuernberg, Germany — 2Institute for Theo-
retical Physics, Friedrich-Alexander University Erlangen-Nuernberg,
91054 Erlangen, Germany — 3Department of Applied Physics, Eind-
hoven University of Technology, P.O. Box 513, NL-5600MB Eindhoven,

The Netherlands

Using the lattice Boltzmann method and the Shan-Chen model for
multiple fluid components we simulate an interface with several rigid
magnetic particles floating on it. The stability of the system is reached
when the attractive capillary forces resulting from the weights of the
particles are balanced by the repulsive magnetic forces induced by an
external static magnetic field applied perpendicularly to the interface.
The particles can propel themself at the interface when a smaller os-
cillating magnetic field of the right frequency is applied in the plane
of the interface. We aim at understanding the contributions of inter-
particle and hydrodynamic interactions as well as that of the interface
to the dynamic response of the swimmer when simulating a single, two
and three particles at the interface separately.

CPP 46.5 Wed 16:30 H19
Microswimmers in an axisymmetric vortex flow: from Hamil-
tonian dynamics to clustering — eJoOSE-AcGUSTIN ARGUEDAS-
Lerva and MicHAEL WILCZEK — Max Planck Institute for Dynamics
and Self-Organization, Géttingen, Germany

Microswimmers appear in a wide variety of settings, ranging from phy-
toplankton in the ocean to bacteria in laboratory flows, and are known
to give rise to many physically interesting phenomena. One such phe-
nomenon is the clustering of otherwise neutrally buoyant particles. Its
occurrence, and in particular the importance of physical parameters
such as particle shape and swimming velocity, are currently not fully
understood.

Here, we study the the distribution and clustering of swimmers in a
two-dimensional axisymmetric vortex flow. Due to its simplicity, this
system allows for a number of insights: We find that spherical swim-
mers follow phase-space preserving Hamiltonian dynamics, excluding
the possibibility for clustering. Interestingly, changing the particles’
shape breaks the Hamiltonian structure of the dynamics, and cluster-
ing can occur. Based on this observation we identify a single control
parameter: an effective swimming velocity, which takes into account
both the particles’ shape and velocity. By characterizing the topology
of the underlying phase space our results help to clarify the role of
motility and shape-dependent hydrodynamic interactions.

15 min. break

CPP 46.6 Wed 17:00 H19
Oscillatory dynamics of swimming E. coli bacteria in
wall-bounded Poiseuille flow — eANDREAS ZOTTL!'2, ARNOLD
MaTu1IssEN'3, Nuris FIGUEROA-MoRALEs?, GASPARD JUNOT?Z,
Eric CLEMENT?, and ANKE LINDNER? — !University of Oxford, UK

— 2ESPCI Paris, France — 3Stanford University, USA

Swimming microorganisms respond to flows in highly diverse and com-
plex environments, at scales ranging from open oceans to narrow
capillaries. The combined effects of fluid flow and boundaries lead
to preferred swimmer orientation breaking the up/down-stream and
left /right symmetry. To date, this so-called bacterial surface rheotaxis
has been quantified by measuring instantaneous orientation distribu-
tions or average transport velocities, but a complete picture is still
missing.

We investigate the time-resolved orientation dynamics of E.coli bac-
teria, theoretically and experimentally, as a function of applied shear
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close to walls. With increasing flow, we identify four regimes separated fluids — eBaBak Nasouri', ANDREJ VILFAND2, and Ramin
by critical shear rates: (I) circular swimming with a bias along the di- GoresTaNIANDS — IMax Planck Institute for Dynamics and Self-

rection of vorticity; (II) upstream swimming without oscillations; (III)
oscillatory motion, increasingly more to the left; (IV) coexistence of
swimming to the left and to the right, with dynamical switching be-
tween these states. By modeling bacterial rheotaxis comprehensively
- accounting for their chiral nature, hydrodynamic and steric interac-
tions, elongation, fore-aft asymmetry and activity - we assess the rel-
ative importance of these contributions throughout a trajectory, and
explain the full dynamics.

CPP 46.7 Wed 17:15 HI19
Polarization of Brownian swimmers with spatially hetero-
geneous activity — eSVEN AuscHrRal, NicoLa SOKER?, PauL
CEeRVENAK!, VikTOR HoLuBEC!, KLaUs KroY!, and Frank CicHos?
— Mnstitute for Theoretical Physics, University of Leipzig, 04103
Leipzig, Germany — 2Peter Debye Institute for Soft Matter Physics,

University of Leipzig Leipzig, 04103 Leipzig, Germany

Janus particles fuelled by laser heating are paradigmatic autophoretic
microswimmers. Their dynamics under constant driving has been well
characterized [1-3]. We consider situations in which the particles’
propulsion strength fluctuates in space and time, due to a variable
fuel supply. Specifically, we analyze their spatial and orientational
distribution experimentally, realizing prescribed spatial and temporal
activity variations via the laser heating. We find depletion in regions
of higher activity and polarization in activity gradients. Using Brown-
ian dynamics simulations and a powerful numerical solver for Fokker-
Planck equations [4], we can reproduce the experimental observations.
A simple run-and-tumble process captures the observed features, qual-
itatively, and provides some analytical insights.

[1] A. Bregulla and F. Cichos: Faraday Discuss. 184, 381-391 (2015)
[2] H. Jiang, N. Yoshinaga, and M. Sano: PRL 105, 268302 (2010)

[3] A. Wiirger: Rep. Prog. Phys. 73, 126601 (2010)

[4] V. Holubec, K. Kroy and S. Steffenoni: arXiv:1804.01285v2 (2018).

CPP 46.8 Wed 17:30 H19

Efficiency limits of the three-sphere swimmer in viscous

Organization (MPIDS), Géttingen, Germany — 2J. Stefan Institute,
Ljubljana, Slovenia — 2Rudolf Peierls Centre for Theoretical Physics,
University of Oxford, Oxford, United Kingdom

We consider a swimmer consisting of a collinear assembly of three
spheres connected by two slender rods. This swimmer, as first shown
by Najafi and Golestanian (Phys. Rev. E 69, 062901 2004), can propel
itself forward by varying the lengths of the rods in a way that is not
invariant under time reversal. Although any non-reciprocal strokes of
the arms can lead to a net displacement, the energetic efficiency of the
swimmer is strongly dependent on the details and sequences of these
strokes. We define the efficiency of the swimmer using Lighthill’s crite-
rion, i.e., the power that is needed to pull the swimmer by an external
force at a certain speed, divided by the power needed for active swim-
ming with the same average speed. Here, we determine numerically the
optimal stroke sequences while limiting the maximum extension of the
rods. Our calculation takes into account both far-field and near-field
hydrodynamic interactions. We specifically show that the swimming
efficiency initially rises by increasing the maximum allowable extension
of the rods, and then converges to a maximum value.

CPP 46.9 Wed 17:45 HI19
in modulated Poiseuille flow
oWINFRIED ScHMIDT!2, MarTHIAS LAUuMANN!, Eva Kanso?, and
WALTER ZIMMERMANN! — !Physikalisches Institut, Universitit
Bayreuth, 95440 Bayreuth, Germany — 2Aerospace and Mechanical
Engineering, University of Southern California, Los Angeles, USA

Actuation of particles

What is the dynamical behavior of micro-particles in Poiseuille flow
with oscillating flow direction at low Reynolds number? We investi-
gate the overdamped motion of bead-spring models, e.g., capsules and
red blood cells. We predict net motion of the particles, despite van-
ishing mean flow. This effect is generic as it does not depend on the
model and is explained by a broken symmetry. The mean actuation ve-
locity of passive particles is caused by their varying shape in both half
periods. Since the net velocity depends also on the size and the elas-
ticity of the particles, this novel actuation mechanism is appropriate
for particle sorting. The system is also explored for active particles.

CPP 47: Complex Fluids and Soft Matter (joint session DY /CPP)

Time: Wednesday 15:00-19:15

Invited Talk CPP 47.1 Wed 15:00 H3

Phase-separation in an elastic matrix: from living cells to
synthetic materials — eEric DUFRESNE — ETHZ

In order to function effectively, living cells need to compartmental-
ize myriad chemical reactions. In the classic view, distinct functional
volumes are separated by thin oily-barriers called membranes. Re-
cently, the spontaneous sorting of cellular components into membrane-
less liquid-like domains has been appreciated as an alternate route to
compartmentalization.

I will review the essential physical concepts underlying these phe-
nomena and outline some of the fundamental questions in soft matter
physics that they inspire. Then, I will describe our recent experiments
exploring the impact of mechanical stresses on the condensation of
droplets. This work spans experiments with living cells and synthetic
polymer networks, with an eye toward useful new materials.

CPP 47.2 Wed 15:30 H3
Breakup of a particulate suspension jet — eJoris CHATEAUL2
and Henr1 Luuissier! — 1CNRS, Aix-Marseille University, Marseille,
France — 2Max Planck Institute, Gottingen, Germany

As viscosity is increased, a liquid capillary jet accelerated by gravity
stretches over increasingly large distances before eventually breaking
up. This Newtonian behavior is profoundly altered for particulate
suspensions. Adding solid particles to a liquid, which increases the
effective viscosity, can paradoxically shorten the jet considerably. This
apparent contradiction is rationalized by considering finite size effects
occurring at the scale of a few particles. A model is presented which
captures the breakup length of suspension jets observed experimen-
tally for a broad range of liquid viscosities, particle sizes and extrusion
velocities of the jet, and recovers the Newtonian case for vanishing par-
ticle sizes. These results can be readily extended to any stretched jet
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configuration and potentially to other fluid media having a granularity.

CPP 47.3 Wed 15:45 H3
Self-assembly and dynamics of mixtures of magnetic and non-
magnetic liquid crystals under shear and external magnetic
field — eNima H. SiBoni, GAURAV P. SHRIvVAsTAv, and SABINE H.
L . Krarp — Institut fiir Theoretische Physik, Technische Universitét
Berlin, Hardenbergstr. 36 D-10623 Berlin

Doping liquid crystals with magnetic particles of different shapes en-
ables us to control the properties of this delicate phase of matter via
an external magnetic field [1,2]. In this talk, we focus on mixtures
where the magnetic particles have the same shape as the liquid crys-
tals. We study the self-assembly and dynamics of the mixture in and
out of equilibrium [3]. In particular, we utilize non-equilibrium molec-
ular dynamics simulation of Gay-Berne particles [4] to study (i) the
(composition-dependent) effect of an external magnetic field on the
isotropic-to-nematic transition of the mixture, and (ii) the interplay
between shear-induced order and the magnetic field-induced order on
the mechanical response of the mixture to an applied external shear.

References:

[1] I. Dierking, and S. E . San, Appl. Phys. Lett. 87, 233507 (2005).

[2] G. P. Shrivastav, and S. H. L. Klapp, arXiv:1809.08288.

[3] N. H. Siboni, G. P. Shrivastav, and S. H. L. Klapp, in preparation.

[4] J. G. Gay, and B. J. Berne, J. Chem. Phys., 74, 3316 (1981).

CPP 47.4 Wed 16:00 H3
Marangoni flow suspended liquid films
— oTorsTEN TrITTEL!, CHRisToPH Kropp!, KIRSTEN HARTHZ,
ALexeEY EreMIN', and RALF StanNaRius! — llnstitute for Physics,
Otto von Guericke University, 39106 Magdeburg — 2Physics of Fluids

and Max Planck Center for Complex Fluid Dynamics, P.O. Box 217,

in thin freely
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Next to their great success in display applications, liquid crystals
are enormously attractive in the field of fundamental physics. Free-
standing films with unique aspect ratios can serve as an ideal system
for the investigation of two-dimensional hydrodynamics. We focus on
thermocapillary effects in such films under microgravity. We present
results of two suborbital rocket flights and show that thermal gra-
dients within the film plane can cause thermocapillary (Marangoni)
effects. The temperature dependence of the surface tension o(7") can
induce flow from the hot to the cold film edge. Finally we developed a
hydrodynamic model that can describe the experimental observations
quantitatively. In contrast to Benard-Marangoni or Rayleigh-Benard
convection, the relevant control parameter is the temperature differ-
ence, not the temperature gradient across the film.

The study was supported by the German Aerospace Center (DLR)
within projects 50WM1430 and 50WM1744.

CPP 47.5 Wed 16:15 H3
Shear-waves from cavitation in soft solids — eJuLIEN RaPET!2,
Yosuryukt Tacawa®, and Cravs-DieTer OnaL'? — Nanyang Tech-
nological University, Singapore — 2Otto-Von-Guerricke Universitiit,
Magdeburg, Germany — 3Tokyo University of Agriculture and Tech-
nology, Tokyo, Japan

While the fluid mechanics of cavitation is a mature research area, very
little is known for bubbles undergoing large and non-spherical volume
changes in a soft elastic solid. Here soft solids made from gelatin-
water mixtures mimic tissue. Previous studies demonstrated that the
collapse of a bubble entrapped in soft solids emits longitudinal waves
at the speed of sound. Yet the elasticity of the medium supports also
transversal waves propagating at a considerable lower speed. We show
how cavitation in elastic solids may lead to the emission of such shear
waves, particularly the collapse of bubbles near an air/solid interface.
The cavitation bubbles are obtained by focusing a pulsed laser into
the tissue mimicking material. The bubble dynamics and shear wave
propagation are observed with high-speed imaging and photoelastic
imaging, respectively. We show that similar to water the cavity moves
during collapse away from the free surface accelerating a jet in the di-
rection of the bubble’s center of mass motion. During this process the
volume between the air/solid interface and the bubble is sheared. Yet
the dynamics is much faster than the shear wave speed and therefore
the shear stress remains confined. For sufficiently strong and non-
spherical collapses, the gelatin surface deforms and a crack starting
from the interface propagating towards the bubble.

CPP 47.6 Wed 16:30 H3
Self-organized lattices and coalescence of droplets in
freely suspended liquid crystal films — eCuristorn Kropp!,
TorsTEN TRITTEL!, KIRSTEN HARTHZ, ALEXEY EREMIN!, and RALF
StanNaRrIUs! — 1Otto von Guericke University, Institute for Physics,
39106 Magdeburg, Germany — 2Universiteit Twente, Physics of Flu-
ids and Max Planck Center for Complex Fluid Dynamics, 7500 AE
Enschede, The Netherlands

Colloids in freely suspended smectic films are an excellent system to
study self-organisation in restricted (2D) dimensionality. The dynam-
ics of the colloids in such films is fully 2D. We demonstrate the for-
mation of two-dimensional hexagonal lattices of isotropic droplets sta-
bilized by repulsive interactions in freely suspended films [1]. The
dynamics of single droplets in a six-neighbor cage can be described
using the Saffman model for mobility in a 2D fluid. We show that the
modified model reproduces the experimental observations, the droplet
mobility in the lattice depends only on the ratio of cage and droplet
sizes, irrespective of droplet sizes. At higher temperatures, droplets
coalesce. Droplets on free-standing films have the shapes of flat lentils
and their coalescence dynamics are expected to be intermediate be-
tween 2D and 3D cases [3]. We measured the coalescence which is
on a time scale of milliseconds depending on the radii of the involved
droplets.

[1] Clark N., et al., 2017. Adv. Space. Res. 60 737

[2] Eremin, A., Baumgarten, S., Harth, K., Stannarius, R., 2011.
Pys. Rev. Lett. 107, 268301.

[3] Hopper R., 1984, J. Am. Ceram. Soc. 67, C-262

CPP 47.7 Wed 16:45 H3
Re-entrant) Splashing of drops impacting on a heated plate
at reduced pressure — eKIRSTEN HARTH, MICHIEL VAN LIMBEEK,
PaurL HoernacELs, and DeETLEF LoHSE — Physics of Fluids, Max
Planck Center and Universiteit Twente, Enschede, The Netherlands
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Splashing drops capture our minds with their fascinating beauty - and
splash control is highly relevant in a wide range of applications involv-
ing impacting drops. It is thus not surprising that diverse criteria for
the splash threshold have been put forward over the last decades, with
a recent breakthrough by Riboux and Gordillo (e.g. PRL 113 189901
(2014)). The effect of the surrounding gas is included via the mean free
path, thus the theory also captures the disappearance of upon decrease
of the ambient pressure. In our present understanding, identical drops
remain intact at low impact velocities, while they always splash above
a critical velocity.

Drop impact on heated surfaces in reduced pressure, however, bears
a counterintuitive surprise: At temperatures below the static Leiden-
frost point TL, the transition from deposition to splash is followed
by another disappearance of splashing, before it reappears at larger
impact velocity in a wide range of parameters. Above TL, splash-
ing occurs at tremendously reduced impact velocity. We analyse this
peculiar behaviour using different high speed imaging techniques.

CPP 47.8 Wed 17:00 H3
Morphology of liquid-liquid dewetting — eRocHAYEH SHIRI',
RALF SEEMANN!, DIrRk PrscHka2, and BARBARA WAGNER?
IUniversity of Saarland, Saarbrucken, Germany — 2Weierstrass In-

stitute, Berlin, Germany.

We study the spinodal dewetting of nanometric thin liquid polystyrene
(PS) films on liquid polymethyl-methacrylate (PMMA) substrates.
The initial stage of dewetting consists of the amplification of ther-
mal fluctuations driven by dispersion forces, eventually leading to the
formation of holes with a preferred distance A. According to theoreti-
cal predictions, the PS/air and the PS/PMMA interfaces shall evolve
in a coupled way. As the surface tension of the PS/PMMA interface
is way smaller than the surface tension of the PS/air interface, the
amplitude of the corrugation of the PS/PMMA interface will be much
larger than that of the PS/air interface. To determine the morpholog-
ical evolution of the preferred wavelength A and of the preferred holes
distance, we follow the evolution of PS/air interface in situ by atomic
force microscopy (AFM). The evolution of the PS/PMMA interface
is explored ex situ by AFM using a lift up technique. By matching
the PS/air and the PS/PMMA interfaces we can decide if the coupled
corrugations of both interfaces evolve in phase or anti phase. We also
explore the dependence of the preferred wavelength as function of PS
film thickness and compare the result with theoretical predictions.

15 min. break

CPP 47.9 Wed 17:30 H3
Multiparticle Collision Dynamics Modeling of Nematic Lig-
uid Crystal with Variable Order Parameter — eSHUBHADEEP
ManpaL! and Marco G. Mazzal2 — 1Max Planck Institute for Dy-
namics and Self-Organization, Géttingen, Germany — 2Loughborough
University, Loughborough, United Kingdom

We have generalized the particle-based multiparticle collision dynam-
ics (MPCD) method to model the hydrodynamics of nematic liquid
crystals. Following Qian-Sheng theory [Phys. Rev. E 58, 7475 (1998)]
of nematic liquid crystals, the spatial and temporal variations of the
nematic director field and the nematic degree of order are described
by a tensor order parameter. The principle idea is to assign a tensor
quantity to each MPCD particle, whose average resembles the macro-
scopic tensor order parameter. The applicability of this new method is
verified by performing several physical and numerical tests. We have
tested: (a) the isotropic-nematic phase transition, (b) the annihilation
dynamics of a pair of point defects, (c) the flow alignment of the ne-
matic director in shear and Poiseuille flows, and (d) the velocity profile
in shear and Poiseuille flows. We have found excellent agreement with
existing literature. Additionally, we study the decay of force-dipole
flow field in nematic liquid crystals. The present method can have
far-reaching implications not only in modeling of nematic flows, but
also to study the motion of colloids and microswimmers immersed in
an anisotropic medium.

CPP 47.10 Wed 17:45 H3
Kinetic Monte Carlo simulations of thin film growth for pure
and mixed films — eEreLco EwmpriNG, MiriAM KLOPOTEK, and
MARTIN OETTEL — Institut fiir angewandte Physik, Tiibingen, Ger-
many

We consider a binary lattice model for growth of demixing thin films,
i.e. where two species of particles are deposited onto a substrate and
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undergo diffusion at and above it. Particle interactions include hard-
core repulsion and nearest-neighbor attraction, the strength of which
depends on the species of the particles involved. In KMC simulations
of this model, we consider quite generally all sorts of single particle
moves to neighboring sites, thus allowing for species-dependent diffu-
sion constants, desorption, and formation of cavities.

We studied the influence of the various parameters, most notably
diffusion rates and interaction strengths, on the structure and evolu-
tion of a growing film. Among other things, this system was used to
compare simulations to real-world growth experiments of a C60-CuPC
blend film where we can identify the defining parameters leading to
characteristic structure in the films.

CPP 47.11 Wed 18:00 H3
Classical density functional theory for ferrogels with distin-
guishable particles — eSEcuNn GoH, ANDREAS M. MENZEL, and
HarrMUuT LOWEN — Institut fiir Theoretische Physik II: Weiche Ma-
terie, Heinrich-Heine-Universitdt Diisseldorf, D-40225 Diisseldorf, Ger-
many

Classical density functional theory has been widely studied for liquid-
like states of materials which consist of indistinguishable particles
interacting via pairwise potentials. Meanwhile, there are materials,
among which ferrogels provide one of the important examples, where
the particles are fixed in an elastic polymer matrix. As particle neigh-
bors do not change over time due to the fixation, particles are dis-
tinguishable by positions in those systems. In this talk, we discuss a
density functional approach for such systems with distinguishable par-
ticles, considering a two-dimensional bead-spring lattice with magnetic
dipoles at every bead as a model for ferrogels. We first introduce a
mapping of the harmonic springs representing the elastic matrix onto
a pairwise pseudo-interaction between indistinguishable particles. The
mapping is justified by Monte-Carlo simulations of both the bead-
spring model and the frozen states of corresponding pseudo-interaction
systems in combination with the density functional theory. We then
formulate density functional theory for the dipole-spring model and in-
vestigate magnetostriction and compression moduli of ferrogels under
magnetic interactions. We expect that our density functional approach
may provide a route towards an understanding of a broad range of ma-
terials with particle inclusions.

CPP 47.12 Wed 18:15 H3
Crystallization of spheres with static and dynamic size disper-
sity — ePRAVEEN KUuMAR BoMMINENI, NYDIA RoxANA VARELA Ros-
ALES, MARco KLEMENT, and MicHAEL ENGEL — Institute for Multi-
scale Simulation, Friedrich-Alexander University Erlangen-Niirnberg,
Néagelsbachstrasse 49b, 91052 Erlangen, Germany

Colloids are rarely uniform but follow a distribution of sizes, shapes,
and charges. This dispersity can be inherent (static) or develop and
change over time (dynamic). Despite a long history of research, the
conditions under which non-uniform particles crystallize and which
crystal forms is still not well understood. Here, we demonstrate that
hard spheres with Gaussian radius distribution and dispersity up to
19% always crystallize if compressed slow enough, and they do so in
surprisingly complex ways [1]. This result is obtained by accelerating
event-driven simulations with particle swap moves for static dispersity
and particle resize moves for dynamic dispersity. Above 6% dispersity,
ABgy Laves, ABj3, and a region of complex Frank-Kasper phases are
found. The Frank-Kasper region includes a quasicrystal approximant
with Pearson symbol 0S276. Our findings are relevant for ordering
phenomena in soft matter and alloys.
[1] P.K. Bommineni et al., arXiv:1811.00061.

CPP 47.13 Wed 18:30 H3
Elastic turbulence at low Reynolds numbers and its control
— oREINIER VAN BUEL, CHRISTIAN ScHAAF, and HOLGER STARK —
Institut fiir Theoretische Physik, Technische Universitiat Berlin, Hard-
enbergstr. 36, 10623 Berlin, Germany

The properties of viscoelastic solutions are exceptionally applicable on
the micron scale. For example, in microfluidic devices mixing and heat
transfer are strongly enhanced. This is due to elastic turbulence [1],
which bears similar qualities as inertial turbulence. The relevant
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dimensionless number characterizing viscoelastic fluids is the Weis-
senberg number, which compares the polymer relaxation time to the
characteristic time of the flow dynamics.

Numerical solutions of the Oldroyd-B model in a two-dimensional
Taylor-Couette geometry display a supercritical transition from the
laminar Taylor-Couette to the occurence of a secondary flow [2]. The
secondary flow is turbulent and caused by an elastic instability beyond
a critical Weissenberg number. The order parameter, the time average
of the secondary-flow strength, follows the scaling law ® o (Wi—Wi.)7
with Wi, = 10 and « = 0.45 and the power spectrum of the velocity
fluctuations shows a power-law decay with a characteristic exponent.
Finally, we present first results on controlling the elastic instability
through an oscillating rotation of the outer cylinder of the Taylor-
Couette cell, with a frequency close to the characteristic relaxation
time of the dissolved polymers.

[1] A. Groisman and V. Steinberg, Nature 405, 53 (2000).

[2] R. Buel, C. Schaaf, H. Stark, Europhys. Lett. 124, 14001 (2018).

CPP 47.14 Wed 18:45 H3
Gold nanoclusters at room temperature: are they soft mat-
ter? — eLuca M. GHIRINGHELL], BRyaN GoLDSMITH, DIEGO
GUEDES-SOBRINHO, JAacoB FLoriaN, JIN-XUN Liu, WEIQI WAaNG,
JuareEz DA Siwva, IaNn Hamiuton, and MATTHIAS SCHEFFLER —
Fritz-Haber- Institut der Max-Planck-Gesellschaft, Berlin, Germany

Soft matter encompasses systems for which the predominant physical
behaviors occur at an energy scale comparable with room-temperature
(T=300 K) thermal energy. Here, we present a study of free-energy
landscapes of neutral gold nanoclusters in the size ranges 10-13
(arXiv:1811.08062) and 25—40 (arXiv:1811.04438) atoms. Gold nan-
oclusters are interesting for their possible applications in gas sens-
ing, pollution reduction, and catalysis. Our studies are based on ex-
tensive Born-Oppenheimer density-functional-theory replica-exchange
molecular-dynamics sampling over a wide range of temperatures. We
find that the long-standing question “At which size (neutral) gold clus-
ters start favoring 3D vs 2D structures?” should be recast, at least
in the size range between 10 and 13 atoms, into the question (here
answered): “At which temperatures are 3D structures favored?”. At
T=300 K, we find that the typical activation barrier of Au—Au bonds
is indeed comparable with the thermal energy, resulting in a contin-
uous reshuffling of bonds and, in the size range 25-40 atoms, in low
free-energy structures that significantly differ from the T=0 K struc-
tures. In these examples, gold nanoclusters seem indeed to match the
definition of soft matter. This might have important implications for
the characterization of the chemical reactivity of these systems.

CPP 47.15 Wed 19:00 H3
MIEZE spectroscopy of sub-picosecond collective dynamics
in bulk liquid water — OLaF SoLTweEDELY2, eLEONIE SPITZ3, JO-
HANNA K JocrUM®4, ANDREAS WENDL!, CHRISTIAN PFLEIDERER!,
and CHRISTIAN Franz® — !Technische Universitat Miinchen, James-
Franck-Strafe 1, 85748 Garching, Germany — 2Technische Universitt
Darmstadt, Alarich-Weiss-Strafe 10, 64287 Darmstadt, Germany —
3Technische Universitat Miinchen, Lichtenbergstrafe 1, 85748 Garch-
ing, Germany — *Bayerisches Geoinstitut, Universitéit Bayreuth, Uni-
versitatsstrafe 30, 95447 Bayreuth, Germany

The anomalously large dielectric constant of water is intimately con-
nected with a Debye relaxation peak in low frequency dielectric spectra.
Despite intense research, a link between the molecular dynamics and
the Debye relaxation peak, are still under heavy debate. Proposed
mechanisms include translational and/or rotational motions, move-
ment of free water molecules, collective relaxation of a cluster or hop-
ping of defects in the hydrogen bond network. We used MIEZE (Mod-
ulation IntEnsity with Zero Effort) neutron spin echo spectroscopy, a
high resolution time of flight technique, to measure the dynamic struc-
ture factor (S(q,t)) of water over an exceptional dynamical range (0.01
up to 1000ps). Consistent with the literature, we find the bulk trans-
verse diffusion on length scales from 0.1/A up to 0.4/A. As our main re-
sult, reveals at least two more processes on sub-picosecond time-scales.
This provides direct evidence of a vibration and/or delocalization of
hydrogen larger than the intermolecular distance as proposed [1].
[1] A. Arbe et al. PRL 117, 185501 (2016)
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CPP 48: Biopolymers, Biomaterials and Bioinspired Functional Materials (joint session
CPP/BP)

Time: Wednesday 15:45-18:30

Invited Talk CPP 48.1 Wed 15:45 HI13
Many Weak Interactions Make a Difference - from Fuzzy
Biomolecular Self Assembly to Superselectivity — eRALF
RicHTER — School of Biomedical Sciences, Faculty of Biological Sci-
ences, School of Physics and Astronomy, Faculty of Mathematics and
Physical Sciences, and Astbury Centre for Structural Molecular Biol-
ogy, University of Leeds, Leeds, LS2 9JT, United Kingdom

Multivalent interactions are key to molecular and cellular communi-
cation in biological systems, yet remain poorly understood. I shall
present results of our efforts to better understand the role of mul-
tivalent interactions in two biological systems that involve biological
polymers: (i) the nuclear pore permeability barrier, a meshwork of in-
trinsically disordered proteins that fills the nuclear pores and makes
nucleo-cytoplasmic transport selective, and (ii) the interface between
polysaccharide-rich extracellular matrix and the cell surface which is
key to the communication of cells with their environment.

To study these systems on the supramolecular level, we take a mul-
tidisciplinary approach that combines surface science tools (to recon-
stitute well-defined model systems from the constituent molecules),
biophysical characterization techniques (for quantitative analysis) and
soft matter physics theory (to establish structure/property/function
relationships).

The insights gained help us to uncover physical mechanisms under-
pinning functions, such as ’superselectivity’ in the targeting of cell
surfaces or the permeability of membranes, and help develop materials
with new functions for applications in the life sciences.

CPP 48.2 Wed 16:15 HI13
DNA crookedness regulates DNA mechanical properties
at short length scales — J.G. VILHENA!, ALBERTO MARIN-
GonzaLEz?, FERNANDO MoORENO-HERRERO?, and RUBEN PEREZS —
IDepartment of Physics, University of Basel — 2Centro Nacional de
Biotecnologia, CSIC, Spain — 3Universidad Autonoma de Madrid,
Spain
Sequence-dependent DNA conformation and flexibility play a funda-
mental role in specificity of DNA-protein interactions. Here we quan-
tify the DNA crookedness: a sequence-dependent deformation of DNA
that consists on periodic bends of the base pair centers chain. Us-
ing extensive 100 ps-long all-atom molecular dynamics simulations,
we found that DNA crookedness and its associated flexibility are bi-
jective: unveiling a one-to-one relation between DNA structure and
dynamics. This allowed us to build a predictive model to compute the
stretch moduli of different DNA sequences from solely their structure.
Sequences with very little crookedness show extremely high stretching
stiffness and have been previously shown to form unstable nucleosomes
and promote gene expression. Interestingly, the crookedness can be
tailored by epigenetic modifications, known to affect gene expression.
Our results rationalize the idea that the DNA sequence is not only a
chemical code, but also a physical one that allows to finely regulate
its mechanical properties and, possibly, its 3D arrangement inside the
cell.

CPP 48.3 Wed 16:30 H13
Fast and on demand mussle-inspired adhesives by enzymatic
polymerization of decapetides — eMaximiLiaN Seuss!, JusTus
Horscu?, PaTrRICK WILKEZ, MATTHIAS PRETZLER?, INcA MELNYK!,
Dario REMMLER?, ANNETTE RoMPEL3, HAaNs G. BORNER?, and AN-
DREAS FERY! — !Leibniz-Institut fiir Polymerforschung Dresden e.V.
— 2Humboldt-Universitéit Berlin — 3Universitat Wien

A novel strategy to generate adhesive protein analogues by enzyme-
induced polymerization of peptides is presented. Inspired by the
repetitive nature of certain peptide sequences in mussel-foot protein
mfp-1 we designed a polymerization reaction using these sequences as
macromonomers. Peptide polymerization relies on tyrosinase oxidation
of tyrosine residues to Dopaquinone, which rapidly forms cysteinyldopa
with free thiols from cysteine residues. This forms a covalent bond
between macromonomers and generates adhesive polymers. The re-
sulting artificial protein analogues show strong adsorption to different
surfaces, even resisting hypersaline conditions. Adhesion energies up
to 10.9 mJ/m? are found in single adhesion events and average values
are superior to those reported for mussel foot proteins that constitute
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the gluing interfaces.

CPP 48.4 Wed 16:45 HI13
Inequivalence of fixed-force and fixed-extension statistical en-
sembles for a flexible polymer tethered to a planar substrate
— ePaNavyoTis BENETATOS! and SANDIPAN DuTTA? — !Department
of Physics, Kyungpook National University, Daegu, S. Korea —
2Center for Soft and Living Matter, Institute for Basic Science, Ul-
san, S. Korea

Recent advances in single macromolecule experiments have sparked in-
terest in the ensemble dependence of force-extension relations (Gibbs
versus Helmholtz). The thermodynamic limit may not be attainable
for such small systems, that leads to inequivalence of the fixed-force
and the fixed-extension ensemble. We consider an ideal Gaussian chain
described by the Edwards Hamiltonian with one end tethered to a rigid
planar substrate. We analytically calculate the force-extension relation
in the two ensembles and we show their inequivalence which is caused
by the confinement of the polymer to half space. The inequivalence
is quite remarkable for strong compressional forces. We also perform
Monte-Carlo simulations of a tethered wormlike chain with contour
length 20 times its persistence length which corresponds to experi-
ments measuring the conformations of DNA tethered to a wall. The
simulations confirm the ensemble inequivalence and qualitatively agree
with our analytical predictions for the Gaussian model. Our analysis
shows that spatial confinement due to tethering causes ensemble in-
equivalence, irrespective of the polymer model.

15 min. break

CPP 48.5 Wed 17:15 H13
Transverse viscoelastic properties of cellulose fibers investi-
gated by atomic force microscopy — eCATERINA CziBuLal:3,
CHrisTIAN GANsERD3, ULrRicH Hirn?3, and CHRISTIAN TEICHERT!/3
— lnstitute of Physics, Montanuniversitaet Leoben, Austria —
2Institute of Paper, Pulp and Fibre Technology, Graz University of
Technology, Austria — 3CD Laboratory for Fiber Swelling and Paper
Performance, Graz University of Technology, Austria

Cellulosic fibers are used in the paper and textile industry. To gain
more insight on how mechanical properties of cellulose fibers are re-
lated to properties of end-products like paper, our work focusses on the
transverse viscoelastic behavior of single cellulose fibers. To reach this
ambitious goal we implemented an atomic force microscopy (AFM)
based method. Probing nanoscale mechanical properties of soft ma-
terials with AFM yields information on the performance of the mate-
rial. With the Johnson-Kendall-Roberts model, the contact between
AFM tip and sample surface can be well described. The evaluation
of the experimental data combines contact mechanics and viscoelas-
tic models which consist of springs and dashpots in series or parallel
describing elastic and viscous behavior, respectively. Here, it will be
demonstrated that the so-called Generalized Maxwell model yields rea-
sonable results for single pulp as well as viscose fibers at five different
relative humidity (RH) values and in water. The RH increase leads to
a steady decrease of the viscoelastic properties. Especially in water,
the viscoelastic behavior shows a pronounced decrease, proving that
the interaction of the fibers in water is different than at varying RH
levels.

CPP 48.6 Wed 17:30 HI13
Elastic-Plastic Transition of Filament Networks — eFaNLONG
Menc! and EuceNE TERENTIEVZ — 1Max Planck Institute for Dy-
namics and Self-Organization, Am Fafberg 17, 37077 Gottingen, Ger-
many — 2Cavendish Laboratory, University of Cambridge, JJ Thom-
son Avenue, Cambridge CB3 OHE, U.K.

Filament networks are ubiquitous in biological systems, such as cy-
toskeleton, extracellular matrix and connective tissue. The elasticity
of a permanently crosslinked filament network is relatively well un-
derstood [1, 2]. However, the filament networks are usually transient
because the filaments can dynamically break from and re-bonded to
crosslinks including various proteins and biological motors. Because of
the complexity in the spatial and the temporal evolution of the net-
work structure induced by crosslink dynamics, the rheological prop-
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erties of a transiently crosslinked is poorly investigated. Recently, we
proposed a model where the total energy of a transient filament net-
work is a function of time due to the breakage and the re-formation of
crosslinks [3]. With the model, we successfully explain experimental
observations including stress relaxation, shape recovery, and necking
formation. Moreover, we provide a phase diagram detailing the condi-
tions for a transient filament network to behave elastically, plastically
or in a mixed way. References: [1] F. Meng, E. Terentjev, Soft Matter
12, 6749 (2016) [2] F. Meng, E. Terentjev Polymers, 9, 52 (2017) [3]
F. Meng, E. Terentjev, Macromolecules 51, 4660 (2018)

CPP 48.7 Wed 17:45 HI13
Permanent Damage in Reversible Cross-linked Fiber Bun-
dles — eHuzarra SHABBIR! and Markus HARTMANNZ — lFaculty
of Physics, University of Vienna, Austria — 2Ludwig Boltzmann In-
stitute of Osteology at the Hanusch Hospital of WGKK and AUVA
Trauma Centre Meidling, Vienna, Austria

Cross-linking is a common strategy to tailor the mechanical properties
of polymeric systems. In natural systems, these cross-links are usually
weaker than covalent bonds, which helps to maintain the structural
integrity of the system preventing permanent damage [1].

Addition of cross-links to a polymeric system shows positive ef-
fects on many mechanical parameters, recent computational studies on
cross-linked fiber bundles showed the surprising result that weak cross-
links may deteriorate the strength of these systems [2]. This effect is
strongly dependent on the coordination of cross-links [3], being most
pronounced for the classical case of two-fold coordinated cross-links,
i.e. one additional bond connecting two monomers. This presentation
will discuss in detail the influence of cross-link coordination on this ef-
fect. In particular, Monte Carlo simulations have been used to detect
the onset of permanent damage, the corresponding work and strength
as a function of cross-link density and coordination. The results clearly
indicate that systems with cross-links of higher coordination are more
damage tolerant than classical two-fold coordinated cross-links.

[1] Fantner et al., Biophys. J. 90, 1411 (2006) [2] Nabavi & Hart-
mann, Soft Matter 12, 2047 (2016) [3] Shabbir & Hartmann, New
Journal of Physics 19, (2017)

CPP 48.8 Wed 18:00 H13
Capabilities of photoresists based on polysaccharides for Di-
rect LaserWriting — eMAaRrie-CHRrisTIN HEEP!, AGNES KOERFER!,
MAXIMILIAN RoTHAMMER?, CORDT ZOLLFRANKZ, and GEORG VON
FrEYMANN!3 — 1Physics Department and Research Center OPTI-
MAS, TU Kaiserslautern, Germany — 2Chair of Biogenic Polymers,

TU Munich, Campus Straubing of Biotechnology and Sustainability,

Germany — 2Institute for Industrial Mathematics ITWM, Germany

Direct laser writing is a common method for fabrication of three di-
mensional micro- and nanostructures. The available materials have
recently been expanded to polysaccharides [1]. These resists consist of
a photo-curable polysaccharide, a photo initiator and a solvent. The
exact mixture defines the properties of the final material. A detailed
discussion on the crosslinking density and hence the stability of the
written structures as well as on the resolution and the feature size
of the resist will be provided. These properties are most crucial for
applications. Furthermore, we examine the surface roughness of the
resist as well as the ability to self-assemble. The self-assembling of
the resist is investigated with respect to the concentration of initiator.
Different solvents are taken into account, to observe their influence on
the handling of the resist. The knowledge about the influence of the
exact mixture on the properties of the material allows the development
of new resist for specific requierenments. This also allows the use of
self-assembling processes for micro- and nanostructures with a tailored
disorder.
[1] M. Rothammer et al., Cellulose 25, 6031 (2018).

CPP 48.9 Wed 18:15 HI13
Towards an artificial human nail plate — eKin THomaNN!, AN-
DpREAS SPATH!, and RaiNer H. Fink!2 — !Lehrstuhl fiir Physikalis-
che Chemie II, Friedrich-Alexander Universitdt Erlangen-Nirnberg,
Germany — 2CENEM, Friedrich-Alexander Universitit Erlangen-
Niirnberg, Germany

Human fingernails cannot be studied ex vivo with the same ease as for
example hair since only clippings can be obtained which do not neces-
sarily reflect the behavior of the whole nail. Thus, we aim to create an
artificial nail plate model that resembles the adhesive characteristics
of the human finger nail suited for ex vivo studies. In order to mimic
the surface free energy (SFE) as well as the morphology of the nail,
we first investigated the surface properties of the natural fingernail us-
ing a number of methods. In vivo contact angle (CA) measurements
were performed to determine the SFE. Water CAs along resin replicas
of fingernails were measured and scanning electron micrographs were
taken to correlate SFE with topography. Our first approach for an ar-
tificial nail plate model is based on mixed alkane thiol self-assembled
monolayers, terminated with either -OH or -COOH and -CH3. CA
measurements revealed that either the total SFE or the relation be-
tween the polar and dispersive component could be replicated, but
both requirements could not be met simultaneously. Thus, micro-
contact printing (micro-CP) is considered to produce patterned SAMs
at various periods to match the nail’s microstructure.

CPP 49: Hydrogel und Microgel

Time: Wednesday 17:15-18:30

Invited Talk CPP 49.1 Wed 17:15 HI18
Stimuli-Responsive Polymer-Based Sensors, Muscles, and
Drug Delivery Platforms — eMicHAEL SERPE — University of
Alberta, Edmonton, AB, Canada

The group’s research is focused on the development of novel polymer-
based materials for solving environmental and health-related prob-
lems. To solve these problems, the group primarily employs poly (N-
isopropylacrylamide) (pNIPAm)-based spherical particles as the ac-
tive component in our technologies. PNIPAm-based particles (nano
or microgels, depending on their diameter) are extremely porous, and
are fully water soluble and swellable. Additionally, pNIPAm-based
nano/microgels are responsive to temperature, shrinking in diameter
as the temperature is increased to >32 °C and reswelling when they
are cooled to < 32 °C. Our group has exploited these properties for
numerous applications. Today’s talk will highlight the group’s work
on the development of these devices for sensing and biosensing, as
muscles, and for controlled/triggered drug delivery.

CPP 49.2 Wed 17:45 HI18
Multiresponsive PNIPAM Microgels Doped with Magnetic
Nanoparticles — eMarcus U. Wirt!, NaADIR MOLLER!, MELISSA
Hess?, STEPHAN HinricHs3, BirciT FISCHER3, ANETTE SCHMIDTZ,
and REGINE v. Krrtzing! — !Technische Universitéit Darmstadt, In-
stitut fir Festkorperphysik, Alarich-Weiss-Strafe 10, 64287 Darmstadt

— 2Universitét zu Koln, Institut fiir Physikalische Chemie, Luxem-
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burger Strafe 116, 50939 Koln — 3Universitat Hamburg, Institut fiir
Physikalische Chemie, Grindelallee 117, 20146 Hamburg

Microgels based upon N-isopropylacrylamide (NIPAM) exhibit a vol-
ume phase transition at a temperature of 32°C (VPTT) in water.
Several additives can be used to tailor physical and chemical proper-
ties. Co-monomers are incorporated to induce a response mechanism
to pH or ionic strength. Non-organic particles can be loaded into the
microgel to add a response to external stimuli such as light and mag-
netic fields. The present study addresses microgels with different in-
ner structures (heterogeneous, homogeneous, *onion-like*) loaded with
magnetic nanoparticles (MNP) leading to different MNP distribution.
The effect of MNP loading on the VPTT is studied by light scatter-
ing and zeta potential measurements. The response of those ferrogels
to external magnetic fields is investigated in bulk and at the surface.
Magneto-relaxation measurements show unexpected and counterintu-
itive results, leading to the conclusion that the MNP rearrange while
crossing the VPTT.

CPP 49.3 Wed 18:00 H18
Incorporation of conductive materials in stimuli-responsive
hydrogel films synthetized by ionizing radiation for the de-
velopment of biomedical sensor applications — eJesus Eb-
UARDO LoPEz-BARRIGUETE!2, GABRIEL FLOREs-Rojas!2, FELIPE
LopEez-SAucEDO!, Takasur IsosuiMa?, and EwmiLio Bucio! —

IDepartamento de Quimica de Radiaciones y Radioquimica, Instituto
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de Ciencias Nucleares, Universidad Nacional Auténoma de México,
Circuito exterior, Ciudad Universitaria, Ciudad de México 04510, Méx-
ico — 2Nano Medical Engineering Laboratory, RIKEN, 2-1 Hirosawa,
Wako, Saitama 351-0198, Japan

Stimuli-responsive systems of co-polymeric hydrogels with a specific
temperature (38 and 39 *C) response has been prepared and mod-
ified to elaborate adaptable films for biomedical and nanotechnol-
ogy applications. The principal thermo-responsive polymer is N-
isopropyl acrylamide (PNIPAAm) with the addition of dimethyl acry-
lamide (DMAAm) for temperature modification, methyl methacrylate
(MMA), and ethoxyethyl methacrylate (EEM) for mechanical improve-
ments. Ionizing radiation technique (gamma rays) allows synthesizing
different systems at a dose radiation of 50 kGy. The matrix modifi-
cation with silver and copper incorporation was by chemical synthe-
sis. The conductive properties of these materials and biocompatibility
could permit the addition of electrical properties to the films admitting
electrical changes by the internal structure variation of the polymeric
chains due to the temperature variability. All the samples were char-

acterized by FT-IR, DSC, SEM, and EDX.

CPP 49.4 Wed 18:15 HI8
Non-additive ion effects on polymer coil-globule collapse
transitions in mixed salt solutions — eNico vAN DER VEGT!,
ELLeEN E. Bruce!, Puo T. Bui?, BRabLEY A. RogERs?, and PauL
S. CrReEMER? — !Technische Universitdt Darmstadt, Germany —
2Pennsylvania State University, USA

Non-additive ion effects in Hofmeister ion chemistry impact proper-
ties of aqueous soft matter but are poorly understood to date. I will
present ion-specific effects on the lower critical solution temperature
of poly(N-isopropylacrylamide) in mixed electrolyte solutions. Signif-
icantly, I will show that polymer hydration and polymer-anion inter-
actions can be regulated in the presence of weakly (Nal) and strongly
hydrated (Na2SO4) mixed salts, leading to both collapse and swelling
of the polymer. The underlying mechanisms are discussed based on
insights obtained from computer simulations and vibrational sum fre-
quency spectroscopy (VSFG) experiments.

CPP 50: Organic Electronics and Photovoltaics Ill - Organic Photovoltaics

Time: Thursday 9:30-13:00

CPP 50.1 Thu 9:30 HI18
Achieving supressed recombination; kinetics of singlet and
triplet charge transfer states defining charge generation and
recombination in organic solar cells — eSara Snoa1 — University
of Potsdam

In-depth understanding of charge carrier photogeneration and recom-
bination mechanism in organic solar cells is still an ongoing effort in the
community. In donor:acceptor (bulk) heterojunction organic solar cells
charge photogeneration and recombination are inter-related via the ki-
netics of charge transfer states. While efficient charge photogeneration
quantum yield can be achieved in many donor:acceptor systems, only
very few systems have so far shown significantly reduced bimolecular
recombination coefficient. Herein, we present a meta-analysis of the
device performance for numerous BHJ OSC for which field dependent
photogeneration, charge carrier mobility and fill factor are determined.
From this analysis we find a spin-related factor which is dependent on
the ratio of back electron transfer of the triplet CT states to the decay
rate of the singlet CT states. This factor along with the dissociation
efficiency of the CT states primarily define the charge generation ef-
ficiency and bimolecular recombination reduction factor. In systems
with extremely efficient charge generation due to the very fast dis-
sociation rate of the CT states, the recombination can be strongly
suppressed regardless of the spin-related factor.

CPP 50.2 Thu 9:45 HI18
The charge transfer state in organic solar cells: contribution
of static disorder and molecular reorganisation — eCLEMENS
GOHLER and CARSTEN DEIBEL — Institut fiir Physik, Technische Uni-
versitdt Chemnitz, 09126 Chemnitz, Germany

Solar cells from organic semiconductors use an active layer consisting
of a heterogeneous blend of electron acceptor and donor materials, such
as fullerenes and conjugated polymers. The donor HOMO and accep-
tor LUMO level in these heterojunctions form an additional charge
transfer (CT) state, which can be detected with electro-optical spec-
troscopy methods.

Molecular properties of donor copolymers, such as molecular weight,
defects, or stoichiometry, are crucial to the solar cells performance -
predominantly by affecting short circuit current and fill factor. Their
impact upon the open circuit voltage, which is connected to the CT
states energy, might not be as distinct. They are, however, affect-
ing the CT states energetic distribution, which can be described as
a convolution of its molecular reorganisation energy and the amount
of energetic disorder. We are able to unravel both contributions us-
ing temperature dependent sub-gap photocurrent spectroscopy to con-
tribute to a deeper understanding of the CT states role in solar cell
performance.

CPP 50.3 Thu 10:00 HI18
Evaluation of molecular donor-acceptor pairs forming charge-
transfer or exciplex states — eTHOMAS ZECHEL, THOMAS
SCHROTHER, and WOLFGANG BRUTTING — Institute of Physics, Uni-
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Intermolecular excited states play a major role in various organic semi-
conductor applications. Charge-transfer (CT) states were shown to
be a major contributor to large voltage losses in organic photovoltaic
cells (OPVCs) and exciplex systems are becoming a viable alternative
to heavy metal complexes in organic light emitting diodes (OLEDs).
Both states are formed by at least two molecules of different kind (ac-
ceptor and donor). In both cases for the excited state the hole of
the bound exciton resides on the donor and the electron resides on the
acceptor molecule. The difference between the two being that the exci-
plex only exists in the excited state (no direct ground state absorption)
while the CT state exhibits a small but measurable direct absorption
from the ground state. This main difference is accompanied by con-
siderably larger external electroluminescent quantum yields (EQEgy,)
for exciplex systems compared to CT systems.

In this work a number of different donor-acceptor pairs which usually
form exciplexes or CT states are investigated using electrical (current-
voltage-luminescence, incident photon to current efficiency), optical
(EL, PL) and computational (density functional theory simulations)
methods to gain further insights into the differences and similarities of
CT and exciplex systems on a basic material level.

CPP 50.4 Thu 10:15 HI18
Exciton Dynamics in Pentacene-Perfluoropentacene Het-
erostructures oVIPILAN SIVANESAN!, FRANK SCHREIBERZ,
KATHARINA Brocu?, and PETRA TEGEDER! — 1Universitit Heidel-
berg, Physikalisch-Chemisches Institut — 2Universitit Tiibingen, In-

stitut fiir Angewandte Physik

Understanding the ultrafast electronically excited state dynamics in
organic semiconductors after optical excitation is crucial for the opti-
mization of organic optoelectronic devices. Moreover, the knowledge
of the morphology and energetics at donor-acceptor interfaces is im-
portant for efficient charge separation in organic solar cells. Thereby,
charge transfer (CT) states play a decisive role. To analyse the ultra-
fast processes at the interface more precisely, both well-defined struc-
tures of the samples and a very high time resolution in the experi-
ment are required. In this work we investigated thin films of pen-
tacene (PEN), perfluoropentacene (PFP), and various heterostructures
of PEN and PFP by means of femtosecond time-resolved second har-
monic generation. For the donor/acceptor configurations, depending
on the molecular orientations at the interface and the excitation ener-
gies, the dynamics of CT-states were analyzed.

CPP 50.5 Thu 10:30 HI18
Impact of Structural Defects on the Energy Level Alignment
in planar Pentacene-Perfluoropentacene Heterojunctions —
eJAN HaGENLOCHER!, ALEXANDER HINDERHOFER!, SATOSHT KERAZ,
and FRANK ScHREIBER! — lUniversitit Tiibingen, Tiibingen, Ger-

many — 2Institute for Molecular Science, Okazaki, Japan

The majority of today’s organic (opto-)electronic devices comprise a
number of different organic-semiconductor layers. The functionality of
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such complex heterostructures depends on the relative alignment of the
frontier molecular-orbital energies in the individual layers with respect
to those in all others. In this study we investigated the dependence of
this energy level alignment on structural defects in an organic-organic
heterojunction of perfluoropentacene (PFP)-on-pentacene (PEN) us-
ing x-ray scattering, atomic force microscopy and ultraviolet photo-
electron spectroscopy. The density of structural defects was varied by
changing the growth temperature of the bottom PEN film. A direct
relationship between the defect density and the energy level alignment
was found, where the binding energies together with a change in the
electrostatic potential at the interface vary systematically with the de-
fect density. This indicates that a key factor affecting the energy level
alignment is the number of transferred electrons from the substrate
to unoccupied gap states in the PFP film. The described gap states
originate from the structural defects and can be effectively controlled
by adjusting the growth conditions of the organic films.

CPP 50.6 Thu 10:45 HI18
Microscopic effects of the broadening of the density of states
in donor-acceptor blends and their role in organic photo-
voltaics — eMICHEL PanNHANs!, SeEBasTiAN HuTscH!, JOHANNES
BeEDNUHN?, KARL SEBASTIAN SCHELLHAMMER!, KOEN VANDEWALZ,
and FRaNk OrRTMANN! — 1Center for Advancing Elec- tronics Dres-
den, TU Dresden — 2Institut fiir Angewandte Physik, TU Dresden —
3Institute for Materials Research (IMO-IMOMEC), Hasselt University,
Wetenschapspark 1, 3590 Diepenbeek, Belgium

Microscopic understanding and quantifying the density of states in-
cluding linewidth broadening and dissipation mechanisms in organic
semiconductors [1,2] plays a crucial role for designing efficient solar
cells and transistors. We study models of fullerene based donor-
acceptor systems regarding their response to optical excitations. We
analyze the density of states (DOS) and excited-state DOS with elec-
tronic disorder and electron-phonon interaction based on ab initio sim-
ulations. The calculated temperature dependence of the absorption
linewidth is compared to temperature dependent absorption measure-
ments on the same blends where we find very good agreement. Finally,
we discuss implications for the open-circuit voltage in organic solar
cells.

[1] D. Venkateshvaran et al. Nature 515, 384 (2014).

[2] K. Vandewal et al. J. Am. Chem. Soc. 139, 1699 (2017).

CPP 50.7 Thu 11:00 HI18
Energy Distribution of Charge-Transfer Excitons at Organic
Donor-Acceptor Interfaces: Simulations for Room Tempera-
ture — eSEBASTIAN SCHELLHAMMER!2, GIANAURELIO CUNIBERTI!"2,
and FrRaNK ORTMANN? — !nstitute for Materials Science and Max
Bergmann Center of Biomaterials, Technische Universitdt Dresden,
01062 Dresden, Germany — 2Center for Advancing Electronics Dres-
den, Technische Universitat Dresden, 01062 Dresden, Germany

Charge transfer (CT) excitons at donor-acceptor interfaces determine
the performance of organic solar cells. The subgap absorption by such
excitons is also used to design sensitive near-infrared photodetectors
based on the broad CT exciton bands. However, the prediction of the
energetics of the CT exciton band has ever been a great challenge. We
present an approach for an efficient computation of the CT energies at
room temperature based on time-dependent density functional theory
including the band tail broadening induced by thermal fluctuations in
a semi-classical way. This method is demonstrated for different donor
molecules with C60 as electron accepting material. A comparison to
experimental CT band characteristics shows excellent agreement for
both the linewidth broadening as well as the CT energies. The ap-
proach thus combines accuracy with modest computational cost.

15 min. break

CPP 50.8 Thu 11:30 HI18
How to Interpret Absorption and Fluorescence Spectra of
Charge Transfer States in an Organic Solar Cell — eFRANK-
JuLiaNn KanLE!, ALEXANDER RuDNIck!, HEINZ BASSLER?, and ANNA
KouLErD 2 — 1Soft Matter Optoelectronics, Department of Physics,
University of Bayreuth, Germany — 2Bayreuth Institute of Macro-
molecular Science (BIMF), University of Bayreuth, Germany

The aim of the present work is to identify the appropriate framework
for analyzing photoluminescence and photocurrent (EQE) spectra of
charge transfer (CT) states in donor-acceptor blends used as active
materials for organic solar cells. We applied gated photoluminescence
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(PL) spectroscopy within a temperature range from 5 to 295 K com-
bined with EQE as well as electroluminescence (EL) experiments on
1:1 Me-LPPP:PCBM blends by weight. We find that the PL spectra
are virtually temperature independent and the temporal decay of the
emission features a power law with an exponent close to -3/2 as Hong
and Noolandi predicted for distributed geminately bound electron-
holes pairs. The results are inconsistent with both Marcus* electron
transfer theory and the original Marcus-Levich-Jortner (MLJ) theory,
and they prove that disorder effects are crucial. Both PL and EQE
spectra can be rationalized in terms of the classic Franck-Condon pic-
ture of electronic transitions that couple to intra-molecular vibrations
as well as low frequency modes of the donor-acceptor pair that forms
the CT state.

CPP 50.9 Thu 11:45 HI18
Absence of charge transfer state enables very low VOC losses
in SWCNT:fullerene solar cells — eANDREJ CLASSEN!, LUkas
EinsiEpLER!, THoMAs HEUMOULLER!, ARkKO GRAF2, MAXIMILIAN
BrouMANN?, FELIX BERGER?, SiMoN KauMANN!, Moses RIcHTER!,
GEBHARD MarT!, KAREN ForBERICH!, JANA ZaAUuMSsEIL?, and
CuristorH Brabrec! — !Friedrich-Alexander-Universitit Erlangen-
Niirnberg — ?Ruprecht-Karls-Universitit Heidelberg

Current state of the art organic solar cells (OSC) still suffer from high
losses of open circuit voltage (VOC). Conventional polymer:fullerene
solar cells usually exhibit band gap to VOC losses greater than 0.8 V.
Here a detailed investigation of VOC is presented for solution processed
OSCs based on (6,5) single-walled carbon nanotubes (SWCNT):[6,6]-
phenyl-C71-butyric acid methyl ester (PC70BM) active layers [1].
Considering the very small optical band gap of only 1.22 eV of (6,5)
SWCNTs, a high VOC of 0.59 V leading to a low Egap/q - VOC =
0.63 V loss is observed. The low voltage losses are partly due to the
lack of a measurable charge transfer state and partly due to the narrow
absorption edge of SWCNTs. Consequently, VOC losses attributed to
a broadening of the band edge are very small resulting in VOC,SQ -
VOC,rad = 0.12 V. Interestingly, this loss is mainly caused by minor
amounts of SWCNTs with smaller band gaps as well as (6,5) SWCNT
trions. More intriguingly, we find a very low voltage loss due to nonra-
diative recombination, AVOC,nonrad = 0.26 V, which is exceptional
for fullerene based OSCs.
[1] Classen et al., Adv. Energy Mater., 2018, 1801913

CPP 50.10 Thu 12:00 HI18
Investigating in-operando the effects of solvent additives
on the stability of organic solar cells based on PTB7-
Th:PC71BM — eDaN Yanc!, Franziska LOHRER!, VOLKER
KORSTGENS!, ARMIN SCHREIBER!, SIGRID BERNSTORFF?, JILLIAN
Buriak®, and PETER MULLER-BuscuBauM! — 1TU Miinchen,
Physik-Department, LS Funktionelle Materialien, 85748 Garching
— Z2Elettra Sincrotrone Trieste, Basovizza, 34149 Trieste, Italy —
3University of Alberta, Department of Chemistry, Edmonton, Canada

)

Due to low cost, flexibility, solution processing and large-scale fabrica-
tion, enormous attention is focusing on the research and development
for higher organic photovoltaics performance over the last decades. In
recent years, the power conversion efficiency (PCE) of organic solar
cells(OSCs) of single-junction OSCs has reached 14.6 %, which is still
lower than the inorganic counterparts. To further optimize the perfor-
mance, additive solvents are widely used in the solution of bulk hetero-
junction. While the influents of those additives on the device degra-
dation behavior are essential to be disclosed. In this work, PTB7-Th:
PC71BM solar cells with two different additive solvents are probed
with in-operando GISAXS measurements to resolve the morphology
changes during operation. Combining with the J-V performance, the
degradation mechanisms behind the additive solvents is figured out.

CPP 50.11 Thu 12:15 HI18
Toward a universal polymeric material for electrode buffer
layers in organic and perovskite solar cells and organic light-
emitting diodes — Qianc Zuanc!, WE-Ting Wang?, ToBIias
WACHTER?, eMICHAEL ZHARNIKOVS, Y1aN Tar?, and DEer-Janac
Liaw! — 1Polymer Science and Materials Lab., Department of Chem-
ical Engineering, National Taiwan University of Science and Technol-
ogy, Taipei 10607, Taiwan — 2Nanohybrid Materials and Devices Lab.,
Department of Chemical Engineering, National Taiwan University of
Science and Technology, Taipei 10607, Taiwan — 3Applied Physical
Chemistry, Heidelberg University, 69120 Heidelberg, Germany

A novel concept of a ”universal” electrode buffer layer material, ex-
hibiting either hole transporting or reducing electrode work function
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properties, is demonstrated by the example of a polymeric compound
PDTON. Depending on the composition ratio of acetic acid and ethyl
acetate upon dispersing, PDTON forms two kinds of nanospheres, serv-
ing as building blocks and defining the properties of the respective
materials, termed as A-PDTON and C-PDTON. These materials are
suitable for hole transport (triphenylamine on the surface of A-PDTON
nanospheres) and reducing the work function of electrode due to the
formation of suitable interfacial dipole (C-PDTON), respectively. We
demonstrate the versatility and high compatibility of these two types of
the same polymer to organic solar cells, organic light-emitting diodes,
and perovskite solar cells, exhibiting comparable or even superior per-
formance compared to the standard device architectures.

CPP 50.12 Thu 12:30 HI18
Growth kinetics of gold electrodes used in hybrid solar cells
— oVoLKkER KORrsTGENs!, ApriaN Haussmann!, Franziska C.
LOHRER!, MATTHIAS SCHWARTZKOPF2?, ALEXANDER Hinz3, OLEK-
SANDR Poronsky1®, Tnomas STRUNskUs®, HrRisTo IGLEV?, STEPHAN
V. Roru?, RENHARD KIENBERGER?, Franz FAUPEL®, and PE-
TER MULLER-BuscuBaum! — 1TU Miinchen, Physik-Department,
LS Funktionelle Materialien, James-Franck-Str. 1, 85748 Garching
— 2DESY, Notkestr. 85, 22607 Hamburg — 3CAU Kiel, Institut
fiir Materialwissenschaft, Kaiserstr. 2, 24143 Kiel — 4TU Miinchen,
Physik-Department, LS Laser- und Rontgenphysik, James-Franck-Str.

1, 85748 Garching

The morphology of the gold electrode established at the metal-polymer
interface between gold and the active layer of hybrid solar cells impacts
the performance of devices. In this work the active layer consisting of
a water-soluble polythiophene and laser-ablated titania nanoparticles
including a blocking layer of PEDOT:PSS [1] is investigated. Gold
sputter deposition is applied to the layered system and also the respec-

tive pure components. To obtain information of gold cluster growth
kinetics during the sputter deposition process, in-situ time resolved
grazing incidence small angle X-ray scattering (GISAXS) experiments
and grazing incidence wide angle X-ray scattering (GIWAXS) are car-
ried out. Different growth regimes of gold clusters are observed from
the data analysis for the various films and the influence of surface
roughness is discussed. [1] Korstgens et al., Nanoscale 7, 2900 (2015).

CPP 50.13 Thu 12:45 HI18
Modelling of photoactive area spreading in unstructured pho-
tovoltaic cells — eMaTHIAs GRUBERYZ, VLADISLAV JovaNov!, and
VEIT WAGNER! IDepartment of Physics and Earth Sciences, Ja-
cobs University Bremen, 28759 Bremen, Germany — 2PolyIC GmbH
& Co. KG, 90763 Fiirth, Germany

Photovoltaic cells incorporating unstructured conductive layers pro-
duce a significant amount of additional photocurrent outside the elec-
trode overlap area by photoactive area spreading. This leads to a
large error in the extraction of solar cell current density, fill factor
and cell efficiency from I-V-measurements. To counteract this effect
we present an analytical model which is able to describe the photoac-
tive area spreading effect quantitatively, yielding more accurate results
than the conventional shadow masking approach. The presented model
only requires layer sheet resistance data and the contact geometry to
allow to calculate and remove the spreading current contribution from
I-V-measurements of unmasked solar cells. This allows to extract ac-
curate solar cell efficiency and j-V-data, which is demonstrated on the
example of unstructured metal mesh based organic solar cells. The
presented data demonstrates the problem of the conventional shadow
masking approach and shows that our model yields more accurate re-
sults down to very low illumination light intensities.

CPP 51: Modeling and Simulation of Soft Matter Il (joint session CPP /DY)

Time: Thursday 9:30-12:00

Invited Talk CPP 51.1 Thu 9:30 H13
Systematic Dynamic Coarse-Graining with Memory — GER-
HARD JUNG, MARTIN HANKE, and e FRIEDERIKE SCHMID — Johannes
Gutenberg Universitdt Mainz, Germany

In soft matter, systematic coarse-graining (CG) approaches often face
the problem that the separation of time scales is incomplete, and
memory effects become important. One challenge is to extract the
CG dynamical equations, namely the memory kernel, from equilib-
rium all-atom simulations. Another challenge is to devise an algorithm
that efficiently deals with pair-memory contributions to the dynami-
cal equations. Such pair-memory interactions may become important,
e.g., in dispersions of nanocolloids when the frequency dependence of
hydrodynamic interactions cannot be neglected.

The talk will address these two problems. We propose a ”generalized
Langevin Dynamics” model, which has the form of a generalized
Langevin equation with distance-dependent two-particle contributions
to the self- and pair-memory kernels. A simulation algorithm is devel-
oped that scales linearly with the number of coarse-grained particles.
Furthermore, we present a robust iterative method for the accurate
reconstruction of memory kernels from dynamic correlation functions.

We apply the method to a suspension of nanocolloids with frequency-
dependent hydrodynamic interactions. The GLD simulations perfectly
reproduce the dynamics of the underlying fine-grained system and ac-
celerate the simulation by a factor of roughly 10.000.

CPP 51.2 Thu 10:00 H13
Accurate structure-based coarse-graining leads to consistent
barrier-crossing dynamics — eTRisTAN BEREAU and JosepH F.
Rubpzinski — MPI for Polymer Research, Mainz

Structure-based coarse-graining of molecular systems offers a system-
atic route to reproduce the many-body potential of mean force. Unfor-
tunately, common strategies are inherently limited by the molecular-
mechanics force field employed. Here we extend the concept of multi-
surface dynamics, initially developed to describe electronic transitions
in chemical reactions, to accurately sample the conformational ensem-
ble of a classical system in equilibrium. In analogy to describing differ-
ent electronic configurations, a surface-hopping scheme couples distinct
conformational basins beyond the additivity of the Hamiltonian. The
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incorporation of more surfaces leads systematically toward improved
cross-correlations. The resulting models naturally achieve consistent
long-time dynamics for systems governed by barrier-crossing events.
[Bereau and Rudzinski, arXiv:1808.05644]

CPP 51.3 Thu 10:15 HI13
Mapping multiple timescales in heterogeneous melts with
predictive and adaptive subdomains — eHoracio V Guzman!
and Hipex1 KoBavasar? — 1Max Planck Institute For Polymer Re-
search, Ackermannweg 10, 55128 Mainz, Germany — 2Theory Re-
search Interest Group, University of Cambridge Lensfield Road Cam-
bridge
Heterogeneous molecular systems can be modeled by means of ad-
vanced simulations methods, as it is done with multiscale concurrent
representations and non-equilibrium simulations. Interestingly, the
heterogeneity of the mentioned systems has a huge potential to map
and span time and length scales beyond fully atomistic simulations,
since in most cases a subdomain of the simulation box can be tackled
with slowly diffusive regime, while other remains in a faster diffusive
regime. From this description, a crucial question arises on how to map
those heterogeneous time scales without losing the theoretical speedup
planned from the method development perspective. Here, we introduce
the heterogeneous time-spatial domain decomposition approach which
is a combination of an heterogeneity sensitive spatial domain decompo-
sition with a time evolution average of particles’ diffusion domainwise
estimated. Within this approach, we present the theoretically modeled
and results in scaling-laws for the force calculation time, while time-
wise the subdomains with different diffusivity are adapted by means of
the number of neighboring shells to a unique frequency of neighbour
list updates. We explore the new approach capabilities, by comparing
it with the state-of-the-art spatial domain decomposition techniques.

CPP 51.4 Thu 10:30 H13
Automated detection of many-particle solvation states for
accurate characterizations of diffusion kinetics — eJoseprH
Rubzinski, MAarc Rabpu, and TRrisTAN BEREAU — Max Planck Insti-
tute for Polymer Research, Mainz, Germany
Markov state models are powerful tools for reducing the complexity of
molecular dynamics trajectories, but require configuration-space rep-
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resentations that accurately characterize the relevant dynamics. Well-
established, low-dimensional order parameters for constructing this
representation have led to widespread applications to study confor-
mational dynamics of biomolecules. On the contrary, applications to
characterize single-molecule diffusion have been scarce and typically
employ system-specific, higher-dimensional order parameters to char-
acterize local solvation states. In this work, we propose an automated
method for generating a coarse configuration-space representation, us-
ing the coordination numbers about each particle. To overcome the
noisy behavior of these low-dimensional observables, we treat the fea-
tures as indicators of a latent Markov process. The resulting hidden
Markov models filter the trajectories of each feature into the most
likely latent solvation state at each time step. The filtered trajectories
are then used to construct a configuration-space discretization, which
accurately describes the diffusion kinetics. The method is validated on
a standard model for glassy liquids, where particle jumps between local
cages determine the diffusion properties. The resulting models provide
quantitatively accurate characterizations of the diffusion constant and
also reveal a mechanistic description of diffusive jumps.

CPP 51.5 Thu 10:45 HI13
Simulating liquid alkanes from first principles with machine
learning potentials — eMax VEIT — Ecole Polytechnique Fédérale
de Lausanne, 1015 Lausanne, CH — Department of Engineering, Uni-
versity of Cambridge, Cambridge CB2 1PZ, UK

The reliable prediction of the macroscopic properties of molecular lig-
uids requires potential energy surface (PES) models that are not only
accurate, but computationally efficient enough to handle large systems
and reach long time scales typically inaccessible to explicit quantum-
mechanical methods. This work introduces a new approach to the
systematic approximation of the first-principles PES of a molecular
liquid using the GAP machine learning method [A. Bartok, M. Payne,
R. Kondor, and G. Csanyi, Phys. Rev. Lett. 104, 136403 (2010)].
By applying machine learning to separately approximate each physi-
cal component of the interaction energy in a full many-body framework
and with high and controllable accuracy, we can simulate the liquid
accurately across a wide range of temperatures and pressures (with
the inclusion of quantum nuclear effects) while gaining physical in-
sight into the inner workings of the fluid. Following the recent success
of this approach on predicting the equation of state of compressed fluid
methane [M. Veit, S. K. Jain, S. Bonakala, I. Rudra, D. Hohl, and G.
Csanyi, arXiv:1810.10475|, I will discuss how this approach can be ex-
tended to other molecular liquids with the help of emerging techniques
in machine learning potential development, and how these ideas can
be applied to other important molecular materials.

CPP 51.6 Thu 11:00 H13
Effective interaction between fillers and their effect on phase
separation of polymer blends. — e ALEXANDER CHERVANYOV —
Institut fiir Theoretische Physik, Westfalische Wilhelms-Universitéat
Miinster, 48149 Miinster, DE

Effective interactions between fillers immersed in polymer blends are
shown to arise from the interplay between the conventional compress-
ibility mechanism and the mechanism relying on the polymer compo-
sitional variations in the vicinity of fillers. By developing and making
use of the liquid state theory, we calculate the potentials of the ef-
fective interactions acting between fillers having different affinities for
polymer species comprising the blend. Further, we study the effect of
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interacting fillers on phase separation in polymer blends. The calcu-
lated shift of the spinodal point and critical temperature are shown to
significantly depend on the interactions between fillers and polymers.

Financial support of Deutsche Forschungsgemeinschaft (DFG)
through Grant No. CH 845/2-1, is gratefully acknowledged.

15 min. break

CPP 51.7 Thu 11:30 HI13
Relative resolution: A multipole approximation at appropri-
ate distances — o AvieL CHammovicH!, Kurr KREMER?, and CHRIS-
TINE PETER? — Max Planck Institute of Colloids and Interfaces,
14476 Potsdam — ?Max Planck Institute for Polymer Research, 55128
Mainz — 3University of Konstanz, 78464 Konstanz

Recently, we introduced Relative Resolution as a hybrid formalism for
fluid mixtures [1]. The essence of this approach is that molecular res-
olution switches in terms or relative separation: While near neighbors
are characterized by a detailed fine-grained model, far neighbors are
characterized by a simplified coarse-grained model. In this presen-
tation, we notably show the comprehensive mathematics of our mul-
tiscale algorithm: We cast our Hamiltonian in terms of a multipole
approximation at appropriate distances, which allows us for an ana-
lytical parameterization between the fine-grained and coarse-grained
models. We consequently test the ability of Relative Resolution in de-
scribing various nonpolar liquids, in turn, capturing correctly and ef-
ficiently the statics and dynamics of many structural correlations and
thermal properties across state space. Furthermore, we show that our
multiscale approach works best if we switch between the fine-grained
and coarse-grained potentials between the primary and secondary co-
ordination shells: At this location, all orientations become negligible
in the Hamiltonian. We conclude by discussing how Relative Resolu-
tion is the inherent variant, for molecular simulations, of the famous
“cell-multipole” approach.
[1] A. Chaimovich, C. Peter, and K. Kremer (JCP, 2015).

CPP 51.8 Thu 11:45 HI13

Cononsolvency of thermoresponsive polymers: theory and
simulation — eNico VAN DER VEGT, SWAMINATH BHARADWAJ,
CaHiT DaLcicpir, and Divvya Navar — Technische Universitat

Darmstadt, Germany

Cononsolvency of thermoresponsive polymers is an intriguing phe-
nomenon whose molecular-scale mechanism remains elusive ever since
it was first reported in the late 1980s. I will present theoretical results
and computer simulations which provide a new angle on this question.
Significantly, direct cosolvent binding to the polymer is shown to be
an entropy-driven process, which leads to polymer dehydration result-
ing in coil-globule collapse and phase separation in poly(N-isopropyl
acrylamide) /water /methanol solutions. Specific cosolvent interactions
with the polymer play no role in this mechanism. Instead of that, co-
solvent enrichment around hydrophobic groups frustrates hydration of
the amide group and induces phase separation. Theoretical arguments
and simulation results are furthermore presented which illustrate that
direct cosolvent binding is not a necessary requirement for cononsol-
vency.

D. Nayar, N.F.A. van der Vegt, J. Phys. Chem. B 122, 3587-3595
(2018) N.F.A. van der Vegt, D. Nayar, J. Phys. Chem. B 121, 9986-
9998 (2017) C. Dalgicdir, F. Rodriguez-Ropero, N.F.A. van der Vegt,
J. Phys. Chem. B 121, 7741-7748 (2017)
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CPP 52: Biomaterials and biopolymers | (joint session BP/CPP)

Time: Thursday 9:30-12:45

CPP 52.1 Thu 9:30 HI10
A unifying perspective on rigidity in under-constrained ma-
terials — eMarTHIAS MERKEL!"3, KARSTEN BAUMGARTEN?, BRIAN
TicHE?, and Lisa ManNNINg! — 1Department of Physics, Syracuse
University, Syracuse, NY, USA — 2Delft University of Technology,
Delft, The Netherlands — 3Centre de Physique Théorique, Université
Aix-Marseille, France

We present a novel approach to understand rigidity in under-
constrained materials, including sub-isostatic spring networks as well
as 2D and 3D vertex models for dense biological tissues. We show that
the onset of rigidity is determined by a purely geometric criterion. This
allows us to analytically predict the elastic material properties close
to the transition, which depend only on few geometric coefficients.
We obtain exact expressions for the magnitudes of bulk modulus and
shear modulus discontinuities at the rigidity transition, several scaling
relations of the shear modulus, and the magnitude of the anomalous
Poynting effect. Moreover, we show that the ratio of the excess shear
modulus to the shear stress is inversely proportional to the critical
shear strain with a prefactor of three, which we expect to be a general
hallmark of rigidity in under-constrained materials induced by geomet-
ric incompatibility. This could be used in experiments to distinguish
whether strain-stiffening as observed for instance in biopolymer net-
works arises from nonlinear characteristics of the microscopic material
components or from effects of geometric incompatibility.

CPP 52.2 Thu 9:45 HI10
Heat and light - non-equilibrium tools to break early symme-
try — MarTHIAS MoRrAscH!, CorINNA KUFNERZ, STEFAN KREBS3,
HANNES MuTscHLER?, WoLFaaNG ZiNTH®?, DIETER BrAUN! und
oCHRISTOF MasT! — 1Systems Biophysics, LMU Munich, Amali-
enstr. 54, 80799 Munich, Germany — 2Harvard-Smithsonian Center
for Astrophysics, Harvard University, 60 Garden Street, Cambridge,
MA 02138 — 3Gene Center, LMU Munich, Feodor-Lynen-Strafe 25,
81377 Munich, Germany — *MPI Biochemistry, Am Klopferspitz 18,
82152 Martinsried, Germany — BMO, LMU Munich, Ottigenstrasse
67, 80538 Munich, Germany

Modern lifeforms perpetuate their highly evolved molecular structu-
res by using them to convert external energy-fluxes for self-replication
and evolution. It is an open question how this closed cycle could start
around four billion years ago. At that time, no sophisticated enzymes
were available to initiate that process from the initially random and
racemic pool of early prebio-polymers. We investigate how physical
non-equilibria could help this issue by breaking early symmetry and
locally enrich oligomer pools with a reduced sequence space and with
a homochiral backbone. We are especially interested in the effect of
thermal gradients across small water-filled pores and of incident UV-
light. Thermal convection chambers could have selected for interacting,
hence homochiral, sequences by their thermophoretic and lengthdepen-
dent concentration while UV-light is known to damage oligomers in a
sequence dependent manner.

CPP 52.3 Thu 10:00 H10
Kinetic Control of Peptide Self Assembly Pathways —
eJosrnua T. BERRYMAN and ALl AscGHAR Hakami Zanjant — Uni-
versity of Luxembourg, Luxembourg

Naturally occurring peptides may aggregate to form 3D amyloid-like
crystals, or may take on quasi one-dimensional amyloid fibril struc-
tures. Mltiple distinct polymorphic structures often exist as sub-
branches within both the crystallising and fibril-forming pathways,
differing either in overall symmetry or in only local conformational
degrees of freedom.

We examine and discuss a system of aggregating peptides in which
the available polymorphs are observed to differ in the macroscopic chi-
rality of their assembly, with right-twisted fibrils, left-twisted fibrils,
and non-twisted crystals forming sometimes even in the same sam-
ple. Using atomistic and also coarse-grained calculations we develop a
structural and kinetic model for assembly of the amyloid-forming pep-
tides and validate against light scattering and microscopy results [1,2].
We are able to provide a simple analytical expression to predict if a
given set of experimental conditions (parameterised by temperature,
concentration and pH) will lead to left-handed fibrils, right-handed
fibrils or mesoscopic twist-free microcrystals [1].
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[1] Reynolds et al., Nat. Comms. 8:1338 (2017)
[2] Lara et al., J. Am. Chem. Soc. 136(12):4732 (2014)

CPP 52.4 Thu 10:15 HI10
Early Stage Self Assembly of Flexible Peptides — eAL1 As-
GHAR Hakamr Zanisant and JosHua T. BERRYMAN — University of
Luxembourg, Luxembourg

We use accelerated simulation methods to investigate the early stage
nucleation processes of a homologous series of hexapeptides: ILQINS
(from hen’s egg-white lysozyme), IFQINS (from human lysozyme) and
TFQINS (a disease-related mutation in humans). We observe that
the majority of initially formed one-dimensional single beta sheets in
these systems have antiparallel alignment of peptide strands, in con-
trast to experimentally observed mature multi-sheet aggregates which
have parallel strand alignment in all structures found to date [1-3].

We confirm the stability of the antiparallel aggregates by molecu-
lar dynamics simulations showing greater configurational stability for
the antiparallel rather than parallel single beta sheets [4]. As ma-
ture antiparallel aggregates have not been observed for these systems
we assume that such structures represent a kinetic trap, with limited
potential to mature into amyloid fibrils or the related microcrystals.
The existence of this kinetic trap offers the possibility to control amy-
loid formation by chemically directing small structures either towards
or away from the antiparallel structures, depending if formation of
macroscopic aggregates is considered beneficial or harmful.

[1] Reynolds et al., Nat. Comms. 8:1338 (2017)

[2] Lara et al., J. Am. Chem. Soc. 136(12):4732 (2014)

[3] Sievers, PhD Dissertations, (ProQuest, UMI: 3322087, 2008)

[4] Cooper, Beta-Sheet Geometry, (Birkbeck College, 1995)

CPP 52.5 Thu 10:30 HI10
The force spectroscopy of a biomimetic polymer in molecular
simulations via perturbation theory — eAvieL Cuammovicu!,
CHRrIisTIAN LEIToLD?, KURT KREMER?®, and CHRISTOPH DELLAGO%
— IMax Planck Institute of Colloids and Interfaces, 14476 Potsdam
— 2University of California, Santa Barbara 93106 — 3Max Planck In-
stitute for Polymer Research, Mainz 55128 — “University of Vienna,
1090 Vienna

It has become a common practice of probing various aspects of biolog-
ical polymers via force spectroscopy. Considering that many proteins
exhibit similar phenomena, we are interested in their corresponding
universal signatures. For this purpose, we invoke molecular simula-
tions of a biomimetic polymer: Although this homopolymer is solely
based on a bead-spring model with a square-well potential, it is capable
of universally capturing the protein-like unfolding of any heteropoly-
mer [1]. Foremost, via the Wang-Landau procedure, we calculate at
zero force the free energy as a function of the potential energy of the
polymer [2]. We continue via perturbation theory, determining the
free energy at nonzero force, applying it on different sets of monomeric
sites. We in turn find scaling relations for the activation and transi-
tion of the biomimetic unfolding, relating these to various polymeric
characteristics (e.g. the radius of gyration). Our findings consequently
have important ramifications for protein unfolding.

[1] M. P. Taylor, W. Paul, and K. Binder (PRE, 2009). [2] C. Leitold
and C. Dellago (JCP, 2014).

CPP 52.6 Thu 10:45 HI10
Heated microbubbles condense and encapsulate prebiotic
molecules and enhance ribozymatic activity — eMAaTTHIAS
MorascH!, ArLaN IANESELLI', ALEXANDRA KUHNLEIN!, SAIDUL
Is,am?, KrisTIAN LE Vay3, HANNES MuUTSCHLERS, MaTTHEW W.
PownNER?2, CHRISTOF B. MasT!, and DieTER Braun! — 1Systems
Biophysics, LMU Munich, Amalienstrasse 54, 80799 Miinchen —
2Department of Chemistry, University College London, 20 Gordon
Street, London, WC1H 0AJ, UK — 3Max-Planck Institute for Bio-
chemistry, Am Klopferspitz 18, 82152, Martinsried, Germany

Interfaces in an otherwise homogeneous system can drastically change
local reaction dynamics. Here, we studied microscale water cycles by
the application of a temperature gradients to microbubbles in water
and found that it triggered a wide range of processes crucial for the ori-
gin of life. We could show that biomolecules increase in concentration
more than 1000-fold by the capillary flow at the air-water interface.
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RNA precursors are found to crystallize around the bubble, allowing
for a possible enantiomeric selection, while monomers undergo an en-
hanced phosphorylation. In the presence of vesicles, nucleic acids are
concentrated and encapsulated in vesicle clusters, which are frequently
ejected into the bulk solution. In addition, self-complementary RNA is
demonstrated to form sequence-pure hydrogels, while the catalysis of
the hammerhead ribozyme drastically increased at the interface com-
pared to the bulk. The studied setting is hypothesized to be ubiquitous
on early Earth.

15 minutes break.

CPP 52.7 Thu 11:15 HI10
Mechanical properties of UV-irradiated collagen fibrils stud-
ied with atomic force microscopy — eMARCUS SCHULZE,
MELANIE RoGGE, and ROBERT STARK — Physics of Surfaces, Ma-
terialwissenschaften, TU Darmstadt, Alarich-Weiss-Strafte 16, 64287
Darmstadt

Collagen is a widely used component for the synthesis of substrates in
the field of Tissue Engineering (TE). Cell adhesion and proliferation
on theses substrates is strongly dependent on their mechanical prop-
erties which makes a controlled adjustment of these properties a key
requirement for a more elaborated substrate design. Among several
approaches, the irradiation of the collagen-based substrates with UV
light proved itself a valuable technique to modify the mechanics with-
out introducing cytotoxicity. For the evaluation of the influence of UV
light on the mechanical properties of collagen fibrils in a liquid environ-
ment the atomic force microscope was used. Varying combinations of
UV light sources (UV-A, UV-B, and UV-C) and fluids (deionized wa-
ter and phosphate buffered saline (PBS)) were applied to two kinds of
samples. The indentation modulus was measured on surface supported
fibrils and a tensile modulus was derived from bending experiments on
freely suspended collagen fibrils. Results suggested an increase in mod-
ulus within 30 minutes of treatment with UV-B or UV-C light in PBS.

CPP 52.8 Thu 11:30 HI10
The effect of surface functionalization and pH on protein-gold
nanoparticle interactions — eBRAHMAIAH MEESARAGANDLALZ,
IsaBEL Garcia3, Luis.M Liz-MarzAN34, and MiHAELA DELcEA!:2
— Mnstitute of Biochemistry, University of Greifswald, Greifswald,
Germany — 2ZIK HIKE, University of Greifswald, Greifswald, Ger-
many — 3CIC biomaGUNE and CIBER de Bioingenieria, Bioma-
teriales y Nanomedicina (CIBER-BBN), San Sebastian, Spain —
4Ikerbasque, Basque Foundation for Science, Bilbao, Spain

In this work, we have investigated the interactions between differently
functionalized gold nanoparticles (citrate, PEG-OMe, PEG-COOH,
PEG-NH2, and glycan coated AuNPs) and human serum albumin
(HSA) with pH using UV-Vis absorption, dynamic light scattering
(DLS), and circular dichroism (CD) spectroscopy techniques. HSA ex-
hibit different isomeric forms and undergoes conformational changes
at different pH conditions (e.g. pH 3.8, 7.4, and 9.3). Both UV-
Vis and DLS measurements have indicated the formation of protein
corona. CD spectroscopy studies suggested that HSA conjugated to
AuNPs undergoes a change in the secondary structure (decrease in
alpha-helix) at various pH for all functionalized AuNPs. This change
in protein secondary structure might be due to the type of dominant
interaction between NPs and HSA (i.e electrostatic, hydrogen bond-
ing). Our results indicated that both, surface charge and pH of the
medium, influences the changes in HSA structure.

CPP 52.9 Thu 11:45 HI10
Temperature dependence of the elastic modulus of va-
por deposited phospholipid bilayers on solid substrates —
Maria J. RETAMAL!, €RoDRIGO CATALANZ?, MARCELO CISTERNASZ,
NicorLas Moraca?, Dieco Diaz?, Tomas P. CorRRALES3, MARK
Buscu?, Parrick HuBer?*, Marco Soro-Arriazal, and ULRICH
G. VoLkMANN? — lFaculty of Chemistry and CIEN-UC, P. Univ.
Catolica de Chile, Santiago, Chile — 2Institute of Physics and CIEN-
UC, P. Univ. Catolica de Chile, Santiago, Chile — 3Department of
Physics, UTFSM, Valparaiso, Chile — *TUHH, Hamburg, Germany

Phospholipid membranes (PMs) play a key role in most physiological
processes. Besides the function of membrane proteins, changes in the
fluidity of the phospholipid membrane are crucial in the permeability of
certain molecules, such as oxygen or glucose. We analyze with Atomic
Force Microscopy (AFM) and Surface Force Spectroscopy (SFS) the
temperature dependence of Young’s modulus (YM) of non-functional
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PMs (DPPC, DMPC and DSPC). Phospholipids were vapor-deposited
in high vacuum onto silicon substrates. AFM measurements in liquid
confirm the self-assembly of the phospholipid bilayer and YM measure-
ments with SFS indicate the main transitions of the phospholipid bi-
layers. We show that PMs made by PVD in high vacuum preserve their
structure and mechanical properties after proper hydration. This study
opens new pathways to assemble phospholipid mixtures by means of
solvent-free membrane formation. Acknowledgements: FONDECYT
Nos. 3160803 (MJR), 1180939 (UGV), 1171047 (MSA) and 11160664
(TPC), CONICYT Fellowship (MC) and CONICYT-PIA ACT 1409.

CPP 52.10 Thu 12:00 H10

Sequence effects on size, shape, and structural heterogeneity

in Intrinsically Disordered Proteins — eUpravan BauL!, DE-
BAYAN CHAKRABORTY2, MAUrRO L. MuanNal?, Joun E. STrRAUB3,
DEvARAJAN THIRUMALAIZ, and JoacHiM DzubieLLal — llnstitute

of Physics, Albert-Ludwigs-University of Freiburg, Hermann-Herder-
Strasse 3, 79104 Freiburg, Germany — 2Department of Chemistry, The
University of Texas at Austin, Austin, Texas 78712 — 3Department
of Chemistry, Boston University, Boston, Massachusetts 02215

Intrinsically disordered proteins (IDPs) lack well-defined three-
dimensional structures, thus challenging the archetypal notion of
structure-function relationships in proteins. We present the develop-
ment of a coarse grained simulation model that quantitatively charac-
terizes the structural features of IDPs as a function of sequence and
length (N7). For diverse IDP sequences, with Np ranging from 24
to 441, our simulations not only reproduce the radii of gyration (Rg)
obtained from experiments, but also predict the scattering intensity
profiles in near quantitative agreement with Small Angle X-ray Scat-
tering experiments. While Ry values are well-described by the stan-
dard Flory scaling law, Ry = RoNj, with v = 0.588, analyses re-
veal that the extent of conformational heterogeneity for IDPs is highly
sequence-dependent, even though ensemble-averaged properties sug-
gest synthetic polymer-like behavior in a good solvent. In conclusion,
we comment on the effects of external stimuli such as salt concentra-
tion and temperature on the conformational properties of polypeptide
sequences.

CPP 52.11 Thu 12:15 HI0
Co-survival and competition relationship between bacteria
analyzed in millifluidic droplet sequence — eXINNE ZHAO!,
LaRrysa BaraBan!-2, and GianaureLio CuNiBERTI}'2 — lnstitute of
Materials Science and Max Bergmann Center of Biomaterials Dresden,
TU Dresden, Dresden, Germany — 2Center for advancing electronics
Dresden, cfaed, Dresden

Analysis of living systems, e.g. bacterial or cells populations plays sig-
nificant role in fundamental research of population diversity, and evo-
lution.1 Here, we present an optical detection system, combining the
encapsulation of bacteria into numerous emulsion droplets to monitor
their long term behavior and their relationship in co-culture environ-
ment. The bacteria we choose here are BFP E.coli and YFP E.coli
which can express blue fluorescence and yellow fluorescence separately
under different light illuminations. By detecting the emission wave-
length from different E.coli, we can obtain the information of growth
state of each bacteria strain. Compared to the classical cell culture
methods, the strategy we use here can avoid the influence of getting
sample during bacteria growing, as well achieve real-time and auto-
matic monitoring. In order to find out the co-survival and mutual
competition relationship between the two bacteria strains, we plan to
get the reference growth curve of individually culturing both strains,
co-culture them with different initial cell concentration ratios, add an-
tibiotics, as well as compare their maximum cell concentration and
generation time.
[1] R. Illing et al, Biomicrofluidics, 2016, 10, 024115.

CPP 52.12 Thu 12:30 HI10
Collagen gels determine the viscoelastic properties of tis-
sue without hindering the diffusion of the aqueous sol-
vent — FraNK SaUErR!, LiNpDA OswaLD!, ANGELA ARIZA DE
SCHELLENBERGER?, HEIkO TzscHATzscn®, e FELIX SCHRANKS, ToNy
Fiscuer?, JOURGEN BRraun?, Craubpia T. Mierke?, RUSTEM
VALIULLIN®, INGOLF Sack®, and Joser A. Kis! — 1Soft Mat-
ter Physics Division,Peter Debye Institute for Soft Matter Physics,
Leipzig, Germany — 2Biological Physics Division,Peter Debye Insti-
tute for Soft Matter Physics, Leipzig, Germany — 2Department of Ra-
diology, Charité-Universitéitsmedizin, Berlin, Germany — *Institute of

Medical Informatics,Charité-Universitatsmedizin, Berlin, Germany —
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5 Applied Magnetic Resonance, Felix Bloch Institute for Solid State
Physics, Leipzig, Germany

Collagen accounts for the major extracellular matrix component in
many tissues providing mechanical support for cells. Little is known
whether water diffusion interacts with viscoelastic properties of tissues.
We are combining highfield MR based diffusion measurements, novel
compact tabletop MRE and confocal microscopy in collagen networks

of different cross-linking states (untreated versus additional treatment
with glutaraldehyde). The MRE-measured shear modulus is sensitive
to interactions on the intrafiber level (e.g. fiber stiffness) and is able
to depict the pronounced transition from viscous-soft to elastic-rigid
gel properties. 3D pore size analysis indicate an unaltered overall net-
work structure and MR based diffusion measurements further allude
that there is free extracellular diffusive water transport in connective
tissue.

CPP 53: Perovskite and Hybrid Photovolatics | (joint session HL/CPP)

Time: Thursday 9:30-13:00

CPP 53.1 Thu 9:30 H36
Effects of Masking on Open-Circuit Voltage and Fill Factor
in Solar Cells — eKRrisToFER TVINGSTEDT!, DaviD KiErMAascH!,
Libén Gi-Escric?, and Henk J. Borink? — !Experimentelle
Physik VI Julius Maximilians Universitit Wirzburg — 2Instituto de
Ciencia Molecular, Universidad de Valencia, C/Catedratico J. Beltran

2, 46980 Paterna, Spain

Guidelines for the correct measurement protocol of novel photovoltaic
technologies such as perovskites are now becoming more frequent in
literature. This because, as will be confirmed in this talk, it is not
straightforward to correctly measure the true efficiency parameters of
these and many other novel solar cells. This is particularly the case
for small area research devices which are prone to overestimate the
short circuit current density, due to edge effects of various types. To
reduce the inaccuracy of current density determination, the common
recommended practice is to utilize masks with well-defined apertures,
often smaller than the device active area. Herein we show both exper-
imentally and theoretically that this common practice, however, leads
to erroneous determination of both open-circuit voltage and fill fac-
tor, which are figures of merit of equal importance to the short-circuit
current density. Although the errors induced in voltage and fill factor
by using a mask are generally smaller than what the errors in current
can amount to when not using a mask, they are on the other hand
omnipresent and can be quite well described.

CPP 53.2 Thu 9:45 H36
Enhanced stability and optical properties of perovskite
nanocrystals encapsulated in block copolymer micelles —
eHvowon Jeong, CarorLa LampPeE, MoriTz GRAMLICH, and
ALEXANDER S. UrRBAN — Nanospectroscopy Group, Department of
Physics, Ludwig-Maximilians-Universitat Miinchen (LMU), Amalien-
straffe 54, 80799, Munich, Germany

Recently, lead halide perovskites in the form of colloidal nanocrystals
(NCs) have emerged as promising candidates for use in light-emitting
and photovoltaic devices. High photoluminescence quantum yields as
well as size- and consequently band gap- tuning are enabled by a facile
synthesis and the natural defect tolerance of the material. However,
to exploit these fascinating properties, long-term stability of the NCs
under different conditions is necessary. Here, a novel synthesis is intro-
duced, where methylammonium lead iodide (MAPbI3) NCs are grown
inside of micelles formed by block copolymers, which protect the NCs
from the environment and greatly enhance their lifetime. In addition,
the optoelectronic properties of the encapsulated NCs will be discussed
based on single NC spectroscopy results.

CPP 53.3 Thu 10:00 H36
Energy transfer in films of thickness-tunable CsPbBr3
nanoplatelets — eANDREAS SINGLDINGER, MORITZ GRAMLICH,
Carora LampE, and ALEXANDER S. UrBAN — Nanospectroscopy
Group, Department of Physics, Ludwig-Maximilians-Universitit
Miinchen (LMU), Amalienstrasse 54, 80799 Munich, Germany

In recent years, lead halide perovskites have rapidly attracted attention
not only in their bulk but also in their nanocrystal form. Various syn-
thetic routes yield highly luminescent nanocrystals of different shapes
and sizes and consequently enable band gap tuning through quan-
tum confinement effects. A novel synthesis now allows the growth of
quantum-confined CsPbBr3 nanoplatelets (NPLs) with an adjustable
thickness ranging from two to six unit cells. These NPLs show strong
blue emission induced by a fast radiative decay of excitons. For ef-
ficient electroluminescence, however, insight into energy and charge
transfer between these NPLs is crucial. Here, we look at two energy
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Location: H36

transfer processes in perovskite nanocrystal films. Firstly we study
energy transfer between NPLs of different bandgaps, via time-resolved
photoluminescence-spectroscopy. Secondly we investigate diffusion of
photo-excited excitons in films comprising NPLs of a single thickness.

CPP 53.4 Thu 10:15 H36
Ultrafast phonon dynamics in lead halide perovskite —
eHong-Guanc Duan'2:3 Vanpana Tiwaril, Ajay Jual, PaBi-
TRA Navak?, MicHaeEL TrHorwarr?3, HeENrRy Snarra?, and R. J.
DwayNE MiLLEr!3:® — IMPSD, Hamburg, Germany — 21. Institut
fiir Theoretische Physik, UH, Germany — 2CUI, Hamburg, Germany

— 4University of Oxford, UK — ®University of Toronto, Canada

Hybrid organic-inorganic perovskites has gathered much attention ow-
ing to their unprecedented success in photovoltaics. To unravel the
secrets to this success, we have studied the ultrafast dynamics of
lead halide perovskites using heterodyne-detected transient grating
and two-dimensional spectroscopy in thin films at room temperature.
We distinctly observe the ground and excited state vibrational modes
corresponding to organic and inorganic sub-lattices. The interplay of
strongly coupled dominant vibrational modes to ultrafast carrier gen-
eration process will be discussed. Our experiments also unravel the
role of organic cations in the ultrafast dynamics after photoexcitation.

CPP 53.5 Thu 10:30 H36
Effect of the organic cation in halide perovskites on vibra-
tions in the far-infrared region: a combined theoretical-
experimental study oCHRISTIAN GEHRMANN!, MICHAEL
SENDNER?3,| SEBASTIAN Brck?3% RoBerr Lovrincic?#, and
Davip A. Ecger! — lInstitute of Theoretical Physics, University of
Regensburg, 93040 Regensburg, Germany — 2InnovationLab, 69115
Heidelberg, Germany — 3Kirchhoff Institute for Physics, Heidelberg
University, 69120 Heidelberg, Germany — “Institute for High Fre-
quency Technology, TU Braunschweig, 38106 Braunschweig, Germany

Halide perovskites (HaPs) are intriguing optoelectronic materials. In
particular, hybrid organic-inorganic HaPs have attracted much interest
as possible solar-cell materials. Since phonons might be the dominant
source of scattering for charge carriers at room temperature, special
efforts should be made to understand lattice dynamics in HaPs. While
the internal vibrations of the organic cation are mainly in the mid-
infrared region, we study the impact of the cation on vibrations in
the far-infrared region by comparing the hybrid MAPbBr3 to the all-
inorganic CsPbBr3. To this end, we present lattice dynamics calcu-
lations, based on density functional theory. The theoretical results
are compared to experimental data obtained from far-infrared spec-
troscopy. Using reflectance measurements, we can even present ex-
perimental results related to the LO phonons which are not infrared
active, but inherently contained in our calculations.

CPP 53.6 Thu 10:45 H36
Density-functional-theory modeling of point defects in halide-
perovskite alloys — eL1 JinGRuUl and PATRicK RINKE — Depart-
ment of Applied Physics, Aalto University, Finland

Perovskite solar cells (PSCs) are a promising emergent technology, be-
cause their photo-conversion-efficiency has been increasing rapidly in
recent years. In these cells, the photoabsorbing material is a hybrid
(organic-inorganic) halide perovskites (ABX3), that is usually grown
with low-temperature solution-based synthesis. This synthesis method
introduces many point defects, that may critically affect the electronic
and structural properties of the PSCs. To gain microscopic insight,
we used density-functional-theory to study a series of point defects of
halide-perovskite alloys with ion-mixing at A (methylammonium, Cs
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and Rb), B (Pb and Sn) and X (I, Br and Cl) sites. The consid-
ered defects include A- and X-site vacancies and native interstitials
in different charge states, as well as K and H impurities. For each
model system, a 4 X 4 X 4 perovskite supercell was relaxed using the
PBEsol exchange-correlation functional. Then the electronic structure
and defect formation energy were calculated using the hybrid HSE06
functional. Our results indicate that the defect formation energy sen-
sitively depends on the phase and composition of halide perovskites.
For halogen vacancies, the +1 state that has very small impact on the
electronic structure is the most stable in a large Fermi-energy range.
Only within the strongly n-type doped region, neutral or negatively-
charged halogen vacancies will be formed, which introduce states in
the band gap and significantly limit the PSC efficiency.

15 min. break
CPP 53.7 Thu 11:15 H36

Calculating structural properties of halide perovskites: Influ-
ence of the computational approach — eHuBerT BECck, CHRIS-
TIAN GEHRMANN, and Davib A. EGGER — Institute of Theoretical
Physics, University of Regensburg, 93040 Regensburg, Germany

Hybrid organic-inorganic halide perovskites (HaPs) have shown
promising results in the development of new optoelectronic devices.
Density functional theory (DFT) based first-principles calculations can
address several of the open questions for these systems. For many of
those calculations it is of vital importance to understand, which of the
various microscopic effects in different DFT-related approximations
play an important role. Here, we present an investigation of the im-
portance of various theoretical aspects in the DFT calculations of the
structural properties for the prototypical case of MAPbI3. The main
focus is on a comparison of calculations varying the DFT functional,
the account of dispersion forces as well as the inclusion of spin-orbit
coupling. The relative effect for the calculations of structural prop-
erties of MAPbDI3 is evaluated by comparing our computed unit-cell
volumes and bulk moduli to results of experiments. Finally, we also
present results on the impact of temperature-induced structural fluc-
tuations on calculating the structural properties of MAPbI3.

CPP 53.8 Thu 11:30 H36
Identification of trap states by photo-induced transient spec-
troscopy in metal halide perovskites — eMarnias FiscHER!,
ANDREAS BauMann?, and ViabpiMir DyakoNov! — lExperimental
Physics VI, Julius Maximilian University of Wirzburg, 97074
Wiirzburg — 2Bavarian Center for Applied Energy Research (ZAE

Bayern), 97074 Wiirzburg

Defects in perovskite solar cells ar often related to a reduced device
performance. A common method for the characterization of defects in
conventional semiconductors is the deep level transient spectroscopy
(DLTS). This technique is based on a modulation of the depletion
layer width by injecting charge carriers, mostly by applying voltage
pulses. Due to electrical field screening in the device, redistribution of
mobile ions and relatively low conductivity of organic transport layers,
particularly when studying the device at low temperatures, charge car-
rier injection via voltage pulses is often difficult. This limitation can be
mostly overcome by charge carrier injection charges via optical pulses,
which enables us to record a rich trap spectrum over the broad tem-
perature range down to 30 K. We apply this technique, which is also
known as photo induced-transient spectroscopy (PITS), to perovskites
of various compositions and compare the results with complementary
techniques, such as thermal admittance spectroscopy and TSC. We
show that multiple additional trap states can be observed when op-
tical pulses instead of voltage pulses are used for injection of charges
into the device.

CPP 53.9 Thu 11:45 H36
Identifying recombination dynamics in efficient perovskite
solar cells with transient optoelectrical techniques via ac-
tive layer thickness alteration — eDavip Kiermascu!, LiDON
GiL-Escric?3, ANDREAS Baumann?, HENk J. BoLiNk2, KRISTOFER
TvINGSTEDT!, and VLADIMIR DyakoNov! — !Experimental Physics
VI, Julius Maximilian University of Wiirzburg, 97074 Wirzburg —
2Instituto de Ciencia Molecular, Universidad de Valencia, 46980, Pa-
terna, Spain — 3Helmholtz-Zentrum Berlin fiir Materialien und En-
ergie, 12489 Berlin — *Bavarian Center for Applied Energy Research
(ZAE Bayern) Bayern, 97074 Wiirzburg

Quantifying charge carrier recombination processes leading to energy
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losses in perovskite solar cells is of crucial importance for further im-
provements. Usually time-resolved photoluminescence (PL) is used
to study charge carrier recombination, since electrical techniques are
often limited by large capacitance values due to thin film layers and
mostly short charge carrier lifetimes. By optimizing both the active
layer thickness and the surrounding transport layers, we identified bulk
dynamics using the combination of Transient Photovoltage (TPV) and
Charge Extraction (CE) in MAPDbI3 solar cells with V,.’s above 1.1 V
and efficiencies up to 18 %. This allows us to assign loss processes to be
mainly of Shockley-Read-Hall and free-carrier recombination type in
line with PL studies on pure films. Our work also shows that increasing
the perovskite thickness, advantageous to achieve high photocurrents,
does not affect the recombination dynamics significantly confirming
the high quality of the vacuum processed solar cells studied herein.

CPP 53.10 Thu 12:00 H36
Describing the Optoelectronic Properties of Halide Per-
ovskites with a Tight Binding Approach — eMAaxiMILIAN J.
ScHILcHER!, MATTHEW Z. MAavERs?, Lianc Z. Tan3, Davip R.
RercuMan?, and Davip A. Eccer! — lInstitute of Theoretical
Physics, University of Regensburg, 93040 Regensburg, Germany —
2Department of Chemistry, Columbia University, New York, NY
10027, USA — 3Molecular Foundry, Lawrence Berkeley National Lab-
oratory, Berkeley, CA 94720, USA

The intriguing optoelectronic properties of halide perovskites (HaPs)
have invoked the development of new solar cells with enormous power
conversion efficiencies. However, it is still not understood how these op-
toelectronic properties can emerge despite the remarkably soft lattice
of HaPs. Theoretical calculations reveal important structure-function
relations, yet are often limited by computational costs. We aim for de-
veloping theoretical tools that enable the simulation of HaPs with low
computational costs, since for the calculation of realistic properties
large super cells are often required. Their simulation via more con-
ventional theoretical tools, such as density functional theory (DFT),
can be challenging or even impossible. An efficient approach to model
large-scale system sizes is the tight binding (TB) formalism. Here,
we develop a TB parametrization for the HaP methylammonium lead
bromide by projecting the Bloch wave functions on the basis functions
corresponding to specific orbital sites of the atoms. This allows us to
examine the impact of ionic composition and the effect of dynamical
structural distortions on the optoelectronic properties of HaPs.

CPP 53.11 Thu 12:15 H36
A completely solvent free route for hybrid perovskite film
processing based on pressure treatment of perovskite pow-
ders - decoupling material synthesis and film formation —
Nico LEurpoLD2, MAXIMILIAN ScHULz!, KONSTANTIN ScHOTZ!, RALF
Moos?, and eFaBian Panzer! — 1Soft Matter Optoelectronics —
2Department of Functional Materials, all University of Bayreuth,
Bayreuth, 95440, Germany

Even though hybrid perovskites have undergone a remarkable devel-
opment within the last years, state of the art processing approaches
such as solution processing or evaporation suffer from an intrinsically
high complexity, as the perovskite crystallization and its film process-
ing happen simultaneously and are inextricably interconnected. Here
we present an alternative, entirely dry processing approach, decoupling
perovskite crystallization and film formation, by using readily prepared
perovskite powders and produce films by appropriate mechanical pres-
sure treatment. We show how a mechanochemical synthesis by ball
milling allows to produce a wide range of phase pure and highly sta-
ble perovskite powders with a high flexibility in processing and we
address the impact of milling parameters on the powder properties.
Using these powders, we demonstrate how the used pressure and the
powder microstructure, i.e. particle size and stoichiometry affect the
mechanical stability, compactness and surface roughness of the pressed
layers. We further address how specific temperature treatment during
the pressing step can improve the properties of the pressed layer, and
show their capability to be used in perovskite based optoelectronic
devices.

CPP 53.12 Thu 12:30 H36
Ultrafast two-dimensional electronic spectroscopy of CsPb-
Br3 perovskite crystals — eXuaN TrRuNG NcuveEn!, DANIEL
TimmMmER!, YEVGENY RakiTa?, Davip CaHEN?, ANTONIETTA DE S1o!
und CHirsTOPH LiENau! — Mnstitut fiir Physik, Carl von Ossietzky
Universitit Oldenburg, Germany — 2Weizmann Institute of Science,

Israel
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Halide perovskites are attractive as cost-effective materials for develo-
ping highly efficient solar cells. Many research discussed about gene-
ration of excitons and free charges in halide perovskites under optical
excitation. However, the role of excitons and their interplay with free
charges for the optoelectronic and transport properties is not yet clear.
Here we use two-dimensional electronic spectroscopy (2DES), with 10-
fs-time resolution, to study the initial dynamics of optical excitations
in single crystals of CsPbBr3. Upon excitation, we observe bleaching
of the exciton resonance as diagonal peak and a cross-peak suggesting
their interaction with free charges. Interestingly, the exciton peak va-
nishes within only 720 fs and an intense elongated cross-peak persists
for several ps. These results suggest efficient screening of exciton by
free charges and highlight the importance of many-body interactions
in the ultrafast dynamics of halide perovskites crystals.

CPP 53.13 Thu 12:45 H36
Exploring the stability of halide perovskite alloys by combin-
ing density-functional theory and machine learning — eGuo-
Xu Zuanc?, Laurr Himanen?!, Jingrut Lit, and Parrick RiNke!
— !Department of Applied Physics, Aalto University, Finland —
2School of Chemistry and Chemical Engineering, Harbin Institute of

CPP 54: Active Matter
Time: Thursday 10:00-12:45

CPP 54.1 Thu 10:00 H19
Self-propelled Janus particles in evaporating droplets —
Mazivar JaLaaLb2, BorGge TEN HageNn!, Har LE THE3, CHRISTIAN
Dippens!, DeTLEF Lonse!2, and eAvaro MariN! — Physics of
Fluids, University of Twente, The Netherlands — 2Max-Planck Center
for Complex Fluid Dynamics, University of Twente, The Netherlands
— 3BIOS-Lab on a Chip, University of Twente, The Netherlands

According the kids britannica encyclopedia: “Living things have the
ability to move in some way without outside help.”. Following this pre-
cise definition, artificial self-propelled particles are not alive, but they
almost are since they move taking advantage of chemical /physical reac-
tions or more complex interactions with their environment. Such active
particles have been developed and thoroughly characterized in recent
years in vitro: in either quiescent liquid media or stationary flow fields.
However, in most situations living things encounter unsteady flows and
interfaces of different types. To approach more realistic situations, we
choose to study the dynamics of self-propelling Janus particles in evap-
orating droplets. Our system consists on polysterene-platinum Janus
colloids immersed in a sessile droplet containing an hydrogen perox-
ide solution. The system is analyzed using three-dimensional parti-
cle tracking measurements and numerical simulations of the nontrivial
fluid flow within the evaporating droplet. To our surprise, the dy-
namics of the active particles turns to be extremely rich due to several
mechanisms as the proximity to interfaces, concentration gradients and
evaporation-driven flows.

CPP 54.2 Thu 10:15 HI19
Tuning propulsion modes in active emulsions — eCorinna C.
Maass, BaBak Vaipr HokmaBap, and KyLe A. BaLpwin — Max-
Planck-Institut fiir Dynamik und Selbstorganisation

Single cell organisms show a variety of swimming behaviours: e.g. per-
sistent, helical, run-and-tumble or switch-and-flick, all dependent on
intricate biophysical machinery and serving various strategies of nav-
igation, e.g. persistence against external flow, efficiency of gradient
sensing or expanding their range of exploration. Their locomotion has
to adapt to low Reynolds numbers, highly viscous or non-Newtonian
environments. An important aspect to the construction of biomimetic
model swimmers is to mimic as many of those strategies as possible,
based on simple principles of non equilibrium physics without requiring
intricate biochemical machinery. Here, we investigate the dynamics of
active droplets dependent on the viscosity of the bulk phase. We can
tune their propulsion from almost ballistic persistence over a quite dif-
fusive “run-and-spiral” mode to a “stop-and-go” behaviour that is noisy
on short, but persistent on long time scales, simply by changing the
composition of the bulk phase with a varying fraction of glycerol. Such
unsteady swimming is caused by a dynamic instability in the chemical
and hydrodynamic fields around the droplets which we have mapped
simultaneously via multichannel fluorescent video microscopy.

Technology, China

Halide perovskites (ABX3) have attracted considerable attention in re-
cent years due to their breakthrough performance as photovoltaic ma-
terials in perovskite solar cells (PSCs). We here consider the materials
space of perovskites spanned by A = Cs and Rb, B = Sn and Pb, and
X = Cl, Br, and I. Since this space is too large to peruse with density-
functional theory (DFT) alone, we combine DFT with machine learn-
ing. We use the recently proposed many-body tensor representation
(MBTR) [1] as structural descriptor. We then train a kernel ridge re-
gression (KRR) model for fast energy prediction with DFT energies for
2x2x2 and 4x4 x4 perovskite supercell models of varying composition.
We analyse the effect of MBTR parameters on the KRR learning qual-
ity and then use KRR to explore the vast alloy space. We compute the
convex-hull of several binary alloy series, for example Cs;Rb1_,Pbls,
CsPb;Sni_;I3, and CszRb1_PbySny_yCl,, Br,,I3_ ., —,. Our pre-
diction accuracy for the cohesive energy of different alloys is as low
as few meV /atom. This suggests that KRR in combination with the
MBTR can be used to speed up the discovery of stable halide per-
ovskite alloys.

[1] Huo and Rupp, arXiv 1704.06439.
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CPP 54.3 Thu 10:30 H19
Swimming droplet in confined geometries — e CHARLOTTE DE
Brois, MaTHILDE REYSssAT, and OLiviER DaucHoT — Gulliver Lab-
oratory, UMR CNRS 7083, ESPCI Paris, PSL University

Micro-swimmers rarely evolve in a 3D infinite and unbounded medium.
Instead, they are confined by external geometries which strongly mod-
ify their behavior. There is however no exact theoretical knowledge of
the flow fields in this context and experimental data are scarce. Here
we consider a swimming water droplet [1], denser than the continuous
phase, in confined geometries from 2D motion parallel to a bottom wall
to 1D motion in capillaries. [1] Izri et al. PRL 113, 248302 (2014).

CPP 54.4 Thu 10:45 H19
Active liquid crystal shells: stability and dynamics — eBaBak
Vaispr HokmaBaDp, KyLE A. BaLDwIN, CARSTEN KRUGER, CHRIS-
TIAN BAHR, and CoriNNa C. Maass — Max Planck Institute for
Dynamics and Self-organization

Production of controllable, active microcapsules is of great interest
in synthetic biology and microchemistry. Inactive microcapsules, also
known as double emulsions or droplet shells, are already widely used
as artificial cells, micro-reactors, and in food and drug applications.
However, combining activity, stability, and control remains a signifi-
cant challenge. Using established concepts of active emulsions we have
developed a new approach to the problem of encapsulation by using
nematic active double emulsions, where a solubilization mechanism in-
duces activity and the molecular nematicity provides stability. We
show that using a nematic liquid crystal as the shell material and im-
posing homeotropic anchoring at both interfaces will result in a nema-
toelastic force on the internal droplet and act as a topological barrier
against the coalescence of the core droplet with the outer phase. We
further present a peculiar self-propulsion mode where the interplay
of spontaneous symmetry breaking and autochemotaxis results in a
”shark-fin meandering” motion of the shell in a 2D-confined geome-
try and a helical swimming in 3D. This behavior can be controlled or
switched off by introducing chemical gradients, topographical guidance
or through shell topology variation.

CPP 54.5 Thu 11:00 H19
Flow of active granular particles through a bottleneck —
oTiNa HANSELKA and RALF STANNARIUS — Otto-von-Guericke-
Universitat Magdeburg

We use screws performing a self-propelled motion on a vibrated plate
as a simple model to analyze the collective behavior of active matter
systems passing through a constriction. For this we employ a slight
tilt of the plate to simulate an effective gravity and to give the parti-
cles a preferred direction towards the bottleneck, and we examine the
characteristics of flow and clogging as a function of geometrical and
driving parameters.
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15 min. break

CPP 54.6 Thu 11:30 HI19
Autonomous engines driven by active matter: Energetics
and design principles — ePaTRrICK Pi1ETZONKA!, ETIENNE FODOR!,
CurisToPH LoHRMANNZ, MicHAEL E. CaTrs!, and Upo SEIFERT? —
Department of Applied Mathematics and Theoretical Physics, Uni-
versity of Cambridge, UK — 2II. Institut fiir Theoretische Physik,

Universitat Stuttgart, Germany

We explore how active matter in a non-equilibrium steady state can
autonomously deliver mechanical work against a constant mechanical
force or torque. For this purpose, we consider systems that contain one
or several active components and a single passive component that is
asymmetric in its geometrical shape or its interactions. Generally, one
expects that such an asymmetry leads to a persistent, directed current
in the passive component, which can be used for the extraction of work.
We show which two-dimensional shapes of the passive particle are best
suited for the extraction of work. Approximating their effect on the
dynamics of the particles leads to analytical results for the power and
efficiency. A mean field approach reveals that the interaction with
the passive particle can mediate cooperativity between otherwise non-
interacting active particles, leading to an enhanced efficiency.

CPP 54.7 Thu 11:45 HI19
Pair-distribution function of active Brownian particles in
three spatial dimensions* — eSTEPHAN BROKER, JENS BICKMANN,
and RapHAEL WiTTKOWSsKI — Institut fiir Theoretische Physik, West-
falische Wilhelms-Universitdt Miinster, D-48149 Miinster, Germany

The pair-distribution function is a key quantity for analyzing many-
particle systems. It characterizes the particle configuration and is of-
ten required when describing such systems via field theories. While for
passive particles this correlation function has been extensively studied
and analytical approaches exist for it, little is known about the pair-
distribution function for active particles.

Therefore, based on Brownian dynamics simulations, we have deter-
mined the full pair-distribution function of a homogeneous system of
spherical active Brownian particles in three spatial dimensions. The
full pair-distribution function takes not only the positions, but also
the orientations of the particles into account and depends additionally
on the speed and mean concentration of the particles. We discuss the
structure of this function and present an analytical expression that
represents the function with good accuracy. In addition, we present a
new field theory for active Brownian particles that uses this expression.
Our results will be beneficial for future research that aims at describing
the collective dynamics of active Brownian particles or at developing
methods for predicting the pair-distribution function in nonequilibrium
many-particle systems.

*Funded by the Deutsche Forschungsgemeinschaft (DFG) - WI
4170/3-1

CPP 54.8 Thu 12:00 H19
Locomotion of self-acoustophoretic colloidal particles —
eJOHANNES Voss and RAPHAEL WirtTkowskl — Institut fiir Theo-
retische Physik, Westfélische Wilhelms-Universitat Miinster, D-48149
Miinster, Germany

During the last two decades, a large number of different realizations
of artificial self-propelled colloidal particles has been developed. A
particularly advantageous realization is given by self-acoustophoretic
colloidal particles, which exhibit self-propulsion when they are exposed
to ultrasound. Compared to other types of artificial self-propelled par-
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ticles, they have a biocompatible propulsion mechanism and can move
in various liquids and soft materials. Furthermore, they can perma-
nently be supplied with energy and, via the ultrasound intensity, it is
even possible to adjust their speed. This makes self-acoustophoretic
particles relevant for potential applications in, for example, medicine
and materials science. Up to now, however, these particles have not
been investigated in depth. Even the details of their propulsion mech-
anism are still unclear.

Therefore, based on direct computational fluid dynamics sim-
ulations, we have extensively studied the locomotion of self-
acoustophoretic colloidal particles. We present results that explain
the self-propulsion mechanism of these particles and how their loco-
motion depends on the shape and other properties of the particles.
Our results are helpful especially for future experimental work further
investigating or applying self-acoustophoretic colloidal particles.

CPP 54.9 Thu 12:15 H19
Pairing, waltzing and scattering of chemotactic active
colloids — eSurROPRIvA SaHA!, SRIRAM RaMaswaMY?, RAMIN
GoLESTANIAN!, and RaMIN GoLeSTANIAN! — 1Max Planck Institute
for Dynamics and Self-Organization, Am Fafiberg 17 37077 Gottingen

— 2Indian Institute of Science, Bangalore, India

Two chemotactic active colloids, which can rotate their polar axis to
align with an imposed chemical gradient, form bound states by can-
cellation of velocities. Their interactions are dynamical in origin, with
contributions from self-propulsion and phoretic response to chemical
field generated by each other, are thus non-central and non-reciprocal.
Two swimmers remain bound at long times when the chemotactic re-
sponse of at least one of the swimmers is positive, i.e. it rotates its
polar axis to point up a linear gradient. These bound states fall in two
broad categories *(i) active dimers, separation fixed and polar axes
orient along a line (ii) periodic orbits, relative inclination of the polar
axes fixed, while the centre of mass executes cyclic motion. Chemotac-
tic swimmers unbind and scatter away depending on initial conditions
or with an increase of self-propulsion; while mutually anti-chemotactic
swimmers always scatter away. These findings are summarized in state
diagrams and representative trajectories are calculated to illustrate the
rich dynamics. For the special case of a swimmer moving in a localised
source of fuel, the fixed points underlying the bound states and the
bifurcations that lead to transition between from one type of f inal
state to another are classified.

CPP 54.10 Thu 12:30 H19
Diffusion of active particles in a complex environment: role
of surface scattering — e THEREsSA JAkUszEIT, OTTAviO A. CROZE,
and SAMUEL BeELL — Cavendish Laboratory, University of Cambridge,
Cambridge CB3 OHE, U.K

Microfluidic experiments have shown that self-propelled particles can
slide along the surface of a circular obstacle without becoming trapped
over long times for obstacles below a critical radius. Using simulations
and theory, we study the impact of different boundary conditions on
the diffusive transport of active particles in a lattice of such obstacles.
We find that particle dynamics with sliding boundary conditions can
result in large diffusivities even at high obstacle density, unlike classi-
cal specular reflection as in the Lorentz gas. These dynamics are very
well described by a model based on Run-and-Tumble particles with mi-
croscopically derived tumbling frequencies and reorientation functions
arising from obstacle-induced tumbles. This model, however, fails to
describe fine structure in the diffusivity at high obstacle density pre-
dicted by simulations. Using a simple deterministic model, we show
that this structure results from particles being guided by the lattice.
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CPP 55: Physics of Self-Organization in DNA Nanostructures (joint session CPP/BP)

Time: Thursday 12:15-13:00

CPP 55.1 Thu 12:15 HI13
Synthetic cells: Bottom-up assembly with DNA nan-
otechnology — eKEgrsTIN GoprricH>2, KrvIN Jaunke!?, Inia
Prarzman2) and JoacHim P. Sparz!2 — 1Max Planck Institute
for Medical Research, Department of Cellular Biophysics, Jahnstrafe
29, D 69120, Heidelberg — 2Department of Biophysical Chemistry,
University of Heidelberg, Im Neuenheimer Feld 253, D 69120 Heidel-
berg

Bottom-up synthetic biology has been successful at isolating compo-
nents from cells and reconstituting subcellular functions inside com-
partments. Progress towards a fully functional synthetic cell, however,
requires strategies to recombine and arrange a multitude of compo-
nents in space and time. We therefore propose to merge two precision
technologies, namely microfluidics and DNA nanotechnology, to posi-
tion and manipulate components in synthetic cells. In particular, we
demonstrate that DNA can be used as a near-universal tool for respon-
sive and programmable compartment functionalization. Our method
relies on the self-assembly of single-stranded cholesterol-tagged DNA
handles, which provide an addressable anchoring point for complemen-
tary DNA carrying an arbitrary functional group. Using this DNA
handle approach, we demonstrate the stimuli-responsive attachment
of reactive groups, DNA nanostructures, microspheres, an actin cortex
and even living cells to the periphery of surfactant-stabilized droplets.
We further employ DNA to construct functional components, includ-
ing a pH-responsive DNA-based cytoskeleton mimic, which serves as a
stabilizing cortex inside synthetic cells.

CPP 55.2 Thu 12:30 H13
DNA-Assembled Plasmonic Waveguides for Nanoscale Light
Propagation — eTHORSTEN-LARS ScHMIDT — Department of
Physics, Kent State University, Kent, OH, USA — cfaed, TU Dres-
den, Germany

Plasmonic waveguides consisting of metal nanoparticle chains can lo-
calize and guide light well below the diffraction limit, but high prop-
agation losses due to lithography-limited large interparticle spacing
have impeded practical applications. We previously demonstrated a
robust DNA-origami-based self-assembly pipeline of monocrystalline
gold nanoparticles. More recently, we demonstrated that this method

Location: H13

allows the interparticle spacing to be decreased below 2 nm, thus re-
ducing propagation losses to 0.8 dB per 50 nm at a deep subwave-
length confinement of 62 nm (TA/10). We characterize the individ-
ual waveguides with nanometer-scale resolution by electron energy-loss
spectroscopy. Light propagation towards a fluorescent nanodiamond
is directly visualized by cathodoluminescence imaging spectroscopy on
a single-device level, therefore realizing nanoscale light manipulation
and energy conversion. Simulations suggest that longitudinal plasmon
modes arising from the narrow gaps are responsible for the efficient
waveguiding. With this scalable DNA origami approach, micrometer-
long propagation lengths could be achieved, enabling applications in
information technology, sensing and quantum optics.

CPP 55.3 Thu 12:45 HI13
Functionalized DNA Origami Nanostructures for Molecu-
lar Electronics — eTurkaN Bavrak!, Jinciing YEZ, RICHARD
WEICHELT?, AMANDA REYEs?, ALEXANDER EYCHMULLER?, ENRIQUE
Samano?, RaLr SeipEL?, and ARTUR ErRBE! — 'Helmholtz-Zentrum
Dresden-Rossendorf, Dresden, Germany. — 2Peter Debye Institute for
Soft Matter Physics, Universitit Leipzig, Germany. — 3Physikalische
Chemie, Technische Universitit Dresden, Germany. — “Centro de
Nanociencias y Nanotecnologia, Ensenada, México.

The DNA origami method provides a programmable bottom-up ap-
proach for creating nanostructures of any desired shape, which can
be used as scaffolds for nanoelectronics and nanophotonics device fab-
rications. Based on this technique, the precise positioning of metal-
lic and semiconducting nanoparticles along DNA nanostructures can
be achieved. In this study, various DNA origami nanostructures
(nanomolds, nanotubes and nanosheets) are used for the fabrication
of nanoelectronic devices. To this end, gold nanoparticles, semicon-
ductor quantum dots/rods are used in/on the DNA origami structures
to create nanowires and transistor-like devices. The DNA origami
nanowires and transistors were electrically characterized from room
temperature (RT) down to 4.2K. Temperature-dependent characteri-
zations of wires were performed in order to understand the dominant
conduction mechanisms. Some nanowires showed pure metallic behav-
ior. Transistor like devices showed Coulomb blockade behavior at RT.
The study shows that self-assembled DNA structures can be used for
nanoelectronic patterning and single electron devices.

CPP 56: Focus: Computational Methods for the Energy Transition: Paving the Road to
Future Materials and Storage Systems - organized by Stephan Kramer and Jochen Zausch

Time: Thursday 15:00-18:00

Invited Talk CPP 56.1 Thu 15:00 H14
Microstructure resolved simulations and theory based model-
ing: Tools for exploring the inner life of a battery — e ARNULF
Larz — DLR at Helmholtz Institute Ulm for Electrochemical Energy
Storage, Germany

Theory, Modeling and Simulation are important tools for creating in-
sights in electrochemical processes from the atomistic scale to the scale
of electrochemical devices. They also form the base for a future knowl-
edge based and theory driven development of better electrochemical
storage systems. Spatially resolved simulations on electrode scale can
help to create a more intuitive picture of transport processes and degra-
dation phenomena in batteries. Despite the impressive increase of in
situ and operando techniques, there are still local phenomena in bat-
teries which cannot be explored experimentally. Simulations can sup-
plement this lack of information, if it is ensured that they can capture
the spatio-temporal phenomena caused by the highly nonlinearly cou-
pled electrochemical, multi-physics processes in batteries. This can be
achieved by using as much as possible rigorous theoretical methods to
derive coupled transport- electrochemistry models from fundamental
principles, which try to minimize purely phenomenological assump-
tions. In the presentation, the development of advanced theories for
electrolytes is demonstrated for the examples of solid electrolytes and
ionic liquids. The impact of morphological defects and grain bound-
aries in all solid state batteries as well as binder distributions on the
capacity, impedance and degradation of batteries is discussed with the
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help of pore resolved simulations.

CPP 56.2 Thu 15:30 H14
Optimizing the performance of batteries using digital ma-
terial engineering — eILoNA GrLATT, FABIAN BIEBL, CHRISTIAN
WAaAGNER, and ANDREAS WIEGMANN — Math2Market GmbH, Kaiser-
slautern, Germany

Key challenges to transform renewable energies into a reliable energy
supply lie in optimizing its storage through increased performance of
batteries. The battery performance is strongly influenced by the micro-
structure of the battery materials. Thus, engineering better batteries
depends on understanding the impact of the micro-structure on mate-
rial properties. Here, we use the simulation software GeoDict to show
such an optimization on a cathode, containing a blend of the active
materials Lithium Nickel Cobalt Aluminum Oxide (NCA) and Lithium
Cobalt Oxide (LCO). The starting point for the optimization is a 3d-
scan of the NCA-LCO cathode. Using the import module of GeoDict,
the structure is segmented into three materials: electrolyte, binder and
active material. The two active materials cannot be discerned based
on gray values alone. In a next step, the GrainFind module is used to
assign each grain to be NCA or LCO based on its shape. The result is a
fully segmented cathode material containing electrolyte, binder, NCA,
and LCO. Next, we use GeoDict to run a battery charging simulation
and to compute other important material properties such as pore-sizes,
diffusivity, conductivity, tortuosity, and mechanical properties for this
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cathode. Finally, we focus on finding the optimal amount of binder in
the cathode by varying its amount and running geometrical analyses
and a charging simulation on the resulting structure.

Invited Talk CPP 56.3 Thu 15:45 HI14
Increasing the rate capability of thick graphite electrodes:
Insights from MRI, NMR and porous electrode theory mod-
elling — eJAMIE FosTER — University of Portsmouth, Portsmouth,
UK

Utilization of thicker electrodes is one route towards improving the
energy density of Li-ion batteries because it decreases the number of
electrodes per cell, thereby increasing the ratio of active material to
current collectors. However, the increased thickness means that it is
difficult to achieve sufficiently fast transport of the lithium to supply
the deep regions of the electrode with reactant. At even moderate
(dis)charge rates, thick electrodes exhibit significant polarization and
undesirable under-utilization of capacity.

We report experimentally determined lithium concentration profiles
in a 300 micron thick graphite electrode under operation. The ob-
served behavior clearly shows the phase transforms that are known
to occur within graphite during (de)lithiation; there are sharp bound-
aries between graphite areas lithiated to different stages. Comparison
with porous electrode theory modelling reveals that a portion of the
Li is temporarily stored in the electrode surface film prior to intercala-
tion. Although it is often difficult to fully lithiate the thick electrode,
we demonstrate that the inclusion of a short current reversal, facili-
tates more complete lithiation. We also demonstrate the value of this
high-fidelity experimental data to the modelling community, by show-
ing how it can be used for high-confidence parameter estimation when
combined with inverse modelling techniques.

CPP 56.4 Thu 16:15 H14
Combining physical and network modeling for the simulation
of lithium ion batteries — eDioN WILDE and JOCHEN ZAUSCH —
Fraunhofer-Institute for Applied Mathematics, Kaiserslautern, Ger-
many

For battery development numerical simulation methods can help to
optimize and understand cell properties or to investigate degradation
behavior. In this context physical continuum models play an impor-
tant role. The drawback of these models is that the numerical solutions
of the partial differential equations require significant computational
effort. In applications an electrical equivalent circuit model (ECM)
is often sufficient to describe the effects of interest and can be solved
more efficiently. However, the parameterization of such models typi-
cally require parameter fitting since the input parameters don’t have
direct physical meaning. In our approach we combine a physically cor-
rect electrochemical model and the computationally fast equivalent-
circuit model to formulate a physics-based equivalent circuit model
which is directly linked to electrochemical parameters. The ECM is
derived from the Newman model containing an element modeling the
Butler-Volmer equation as well as a state-of-charge dependent voltage
source representing the OCV of the designed material and resistors
for electron/ion diffusion in the solid/electrolyte. Also the extension
to electrochemical impedance spectroscopy is straight-forward. The
system is solved by the mesh current method in python. In this con-
tribution we will present our physical and ECM models and present a
comparison between the two approaches.

15 min. break

Invited Talk CPP 56.5 Thu 16:45 H14
Numerical Simulation and Machine Learning in Virtual Ma-
terials Design — eJAN HAMAEKERS — Fraunhofer Institute for Al-
gorithms and Scientific Computing SCAI, Sankt Augustin, Germany

An essential basis for designing novel materials is the understanding of
their properties on the nanoscale and their effects on the macroscale.
Besides theory, experiment and measurement, computational science
established themselves as a new field in research and development over
the last decades. In particular multiscale modeling and efficient nu-
merical simulation techniques are powerful tools in the framework of
materials design. The large amount of newly generated data from ex-
periments and simulations together with new techniques of data anal-
ysis and machine learning have recently opened the new promising
field of data-driven research. In this talk we will give on overview on
selected topics in computational and data-driven science and on our
recent research results and software tools.

CPP 56.6 Thu 17:15 H14
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Simulating Curved Graphene Supercapacitors — eJANNES
SeEBECK! and RoBERT MEISsNER!2 — 1Hamburg University of Tech-
nology, Institute of Polymer and Composites, Hamburg, Germany
— 2MaglIC Magnesium Innovation Centre, Institute of Materials Re-
search, Helmholtz Zentrum Geesthacht, Geesthacht, Germany

Supercapacitors are promising storage devices for electrical energy that
offers a high power density but typically low energy density. Their
storage performance is due to a reversible ion absorption by forming
an electric double layer on the electrode surface. Molecular dynamics
(MD) simulations offer the possibility to gain insights into the molecu-
lar mechanisms of forming electric double layers and pore filling. How-
ever, simulations show that in supercapacitors with an ionic liquid as
electrolyte, the mean-field approach for calculating the differential ca-
pacitance leads to false results due to the strong correlation of ions.
By using a free energy approach for the calculation of the differential
capacity from the fluctuating charge density on the electrode surfaces
it is possible to show a non-linear behaviour of the ionic liquid on the
capacitance. Furthermore, MD-Simulations show a different orienta-
tion of the ionic liquid to the electrode interface depending on the
applied potential, which can be a reason for the fluctuation of the ca-
pacity. By simulating curved graphitic electrodes, with a convex and
concave pore-like structure, in combination with a diluted ionic liquid
as electrolyte it is possible to examine the impact of curvature on the
orientation of the ionic liquid, and finally the resulting capacity.

CPP 56.7 Thu 17:30 H14
Computational Analysis of Composition-Structure-Property-
Relationships in NZP-type Materials for Li-Ion Batter-
ies — eDANIEL MuTTER'2, DANIEL F. UrBaN!, and CHRISTIAN
EvLsisser!?2 — Fraunhofer IWM, Wahlerstrafe 11, 79108 Freiburg
— 2Freiburger Materialforschungszentrum FMF, Stefan-Meier-Str. 21,
79104 Freiburg

Compounds crystallizing in the structure of NaZra(POy4)3 (NZP) are
considered as promising materials for solid state electrolytes in Li-
ion batteries. Using density functional theory (DFT), a systematic
computational screening of 18 NZP compounds, namely LiX2(LO4)3
with X = Ti, V, Fe, Zr, Nb, Ru, Hf, Ta, Os, and L. = P, Mn is per-
formed with respect to their activation energies for vacancy-mediated
Li migration. It is shown how the different ionic radii of the cationic
substitutions influence structural characteristics such as the octahe-
dron volumes around Li ions on the initial and transition state sites,
which affect the activation energies ("composition-structure-property”-
relationships). The prevalent assumption that structural bottlenecks
formed by triangularly arranged oxygen atoms at a certain location
along the migration path determine the energy barriers for Li migra-
tion is not supported by the DFT results. Instead, the ionic neighbor-
hood of the migrating ion in the initial and in the transition state need
to be taken into consideration to relate the structure to the activation
energies. This conclusion applies to Na containing NZP compounds as
well.

CPP 56.8 Thu 17:45 H14
The origin of unstable sodium graphite intercalation com-
pounds — OLENA LENCHUK and e DOREEN MOLLENHAUER — Insti-
tute of Physical Chemistry, Justus-Liebig University Giessen, Heinrich-
Buff-Ring 17, D-35392 Giessen, Germany

First principles investigations can contribute to the understanding of
intercalation mechanisms and compounds chemistry important for sup-
porting the development of battery materials such as sodium-ion bat-
teries (SIBs).[1] The commonly used negative electrode graphite for
lithium-ion batteries does not intercalate sodium ions in high con-
centrations [2,3] whereas intercalation of potassium is possible. In
order to understand the origin of Na-GICs (binary graphite interca-
lation compounds) instability compared to stable Li- and K-GIC we
performed dispersion corrected density-functional theory (DFT) calcu-
lations. We analyzed and compared in detail the interplay between the
structural deformation and binding contributions of the different alkali
metal-GIC. This allows us to identify main factors for the instability
of Na-GICs [4].

[1] M. Goktas, C. Bolli, E. J. Berg, P. Novak, K. Pollok, F. Lan-
genhorst, M. v. Roeder, O. Lenchuk, D. Mollenhauer, P. Adelhelm,
Adv. Energy Mater. 2018, 1702724. [2| K. Nobuhara, H. Nakayama,
M. Nose, Sh. Nakanishi and H. Iba, J. Power Sources 243 (2013) 585-
587. [3] Zh. Wang, S.M. Selbach and T. Grande, RSC Adv. 4 (2014)
4069-4079. [4] O. Lenchuk, P. Adelhelm, D. Mollenhauer, Manuscript
to be submitted.
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CPP 57: Organic Electronics and Photovoltaics IV - Excitonic Properties and Light-Emitting
Devices

Time: Thursday 15:00-18:15

CPP 57.1 Thu 15:00 HI18
Optical Probing of the Various Operation Regimes in Organic
Light-Emitting Diodes Using Molecular Probes — eTHoMmAsS
FERSCHKE!, ALEXANDER HorMmanN2, WoLrcaNc BRUTTINGZ, and
Jens Prraum!»3 — 1Experimental Physics VI, Julius Maximilian Uni-
versity, 97074 Wiirzburg — 2Institute of Physics, University of Augs-
burg, 86135 Augsburg — 3ZAE Bayern, 97074 Wiirzburg

Photoluminescence (PL) studies on single guest molecules have been
shown to enable determination of charge carrier distribution in organic
opto-electronic devices on nanometer length scales.[1] In this work, this
principle is adapted to the various operation regimes of Alqs/a-NPD
OLEDs. Tetraphenyldibenzoperiflanthene (DBP) dopants are incor-
porated at distinct vertical positions within the active layers of the
OLED stack. Measuring the DBP optical properties under different
operation conditions of the device, the significant reduction in PL upon
charge carrier injection (forward bias regime) can be attributed to non-
radiative decay channels promoted by the exciton-electron interaction.
Studying this effect as function of current density and dopant position
reveals information on the local charge carrier distribution. Under re-
verse bias, a strong PL quenching of DBP probes in close proximity
to the Alqs/a-NPD interface is observed as well. This can be related
to the strong electric fields caused by Alqs charges localized at the
interface.|2] We substantiate this hypothesis by complementary data
obtained by impedance spectroscopy on the identical OLED devices.

[1] Nothaft et al., ChemPhysChem, 2011, 12, 25902595

[2] Noguchi et al., J. Appl. Phys., 2012, 111(11):114508

CPP 57.2 Thu 15:15 HI18
Temperature (De-)Activation in Donor-Acceptor based Or-
ganic Light Emitting Diodes — eSEBASTIAN WEISSENSEEL, FELIX
KLINGERT, JEANNINE GRUNE, NiKoLAI BUNZMANN, ANDREAS SPER-
LicH, and VLADIMIR Dyakonov — Experimental Physics VI, Julius
Maximilian University of Wiirzburg, 97074 Wiirzburg

The world of organic light emitting diodes (OLEDs) regained a
lot of attention with the publication of Goushi et al. in 2012
[1], where the thermal activation of non-radiative triplets via re-
verse intersystem crossing (RISC) was applied to enhance the flu-
orescence in OLEDs for the first time. Here, we investigate the
donor-acceptor based system 4,4’,4”-Tris(N-3-methylphenyl-N-phenyl-
amino)triphenylamine (m-MTDATA): Tris(2,4,6-trimethyl-3-(pyridin-
3-yl)phenyl)borane (3TPYMB), which exhibits an intermolecular
TADF mechanism. The devices are analyzed by means of tempera-
ture dependent current-electroluminescence-voltage (j-EL-V) charac-
teristics and external quantum efficiency (EQE). These measurements
were intended to estimate the activation energy of the triplet-to-singlet
upconversion and thus the singlet-triplet gap. Surprisingly, we observe
typical TADF-like efficiency enhancement with rising temperature only
in a limited temperature range 180-250K, while at higher temperature
(>250K), this trend inverts and we observe a decrease in EQE. This ob-
servation implies the competing process between thermally activated
RISC and a non-radiative decay at ambient temperature in TADF
OLEDs, which is essential for their further improvement.

[1] Goushi, et al., Nat. Photon. 6, 253 (2012)

CPP 57.3 Thu 15:30 HI18
Time-resolved Spectroscopy of Organic Light Emitting
Diodes based on Thermally Activated Delayed Fluores-
cence — oJEANNINE GRUNE, NIKoOLAI BUNZMANN, SEBASTIAN
WEISSENSEEL, VLADIMIR DYAKONOV, and ANDREAS SPERLICH — Ex-
perimental Physics VI, Julius Maximilian University of Wiirzburg,
97074 Wiirzburg

Organic light emitting diodes (OLEDs) based on thermally activated
delayed fluorescence (TADF) show increased efficiencies due to effi-
cient upconversion from the non-emissive triplet states to the emis-
sive singlet state via reverse intersystem crossing (RISC). There-
for a small energetic splitting between singlet and triplet states
is required which can be achieved by formation of an exciplex
state, a weakly bound electron-hole pair at a donor:acceptor inter-
face. A proven material combination is among others 4,4’,4”-Tris|(3-
methylphenyl)phenylaminoltriphenylamine (m-MTDATA), as donor
and Tris(2,4,6-trimethyl-3-(pyridin-3-yl)phenyl)borane (3TPYMB), as
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acceptor. We investigated this system with time-resolved electrolumi-
nescence (trEL) in combination with time-resolved magnetic resonance
techniques based on EL and photoluminescence detection (trELDMR,
trPLDMR). In the latter case, microwave irradiation is used to induce
transitions between the triplet states which are split in a present mag-
netic field. By applying microwave pulses over several microseconds,
the spin-dependent EL modulation processes as well as the correspond-
ing time frames can be identified, to get a better understanding of the
triplet contribution to the TADF mechanism.

CPP 57.4 Thu 15:45 HI18
A refined setup for an enhanced signal-to-noise ratio in angu-
lar resolved photoluminescence measurements — e CHRISTIAN
HANiscH, SIMONE LENK, and SEBASTIAN REINEKE — Dresden Inte-
grated Center for Applied Physics and Photonic Materials (IAPP),
Technische Universitdt Dresden, 01187 Dresden, Germany

Controlling the orientation distribution of transition dipole moments
in the emission layer of organic light-emitting diodes is one of the key
approaches for further enhancements of the device efficiencies. In or-
der to investigate this physical parameter typically angular resolved
photoluminescence measurements are performed.

In this contribution, we present an advanced concept which adds two
plano-convex lenses to the conventional measurement setup in order to
collect and focus the initially emitted light to the detector fiber. In
this manner, the signal-to-noise ratio of the recorded emission spectra
can be drastically improved, which enables measurements of weakly
emitting or fast degrading material systems.

A detailed ray transfer analysis is performed, which on the one hand
reveals the required parameters of the optical components and on the
other hand allows for a detailed evaluation and optimization of the
setup alignment.

CPP 57.5 Thu 16:00 HI18
Kinetic Modelling of Transient Photoluminescence from
Thermally Activated Delayed Fluorescence — eNiLs Haasg!2,
ANDREW Danos?, CHRisTOF PrLUuMMZ, ANTONIA MORHERR?Z, Pa-
TRYCJA STACHELEKS, AMEL MEekic??4, WoLrcanGg BrOUTTING!, and
ANDREW P. MonkMAN? — 1University of Augsburg, Augsburg, Ger-
many — 2Merck KGaA, Darmstadt, Germany — 3Durham University,
Durham, UK — 4University of Regensburg, Regensburg, Germany

Thermally activated delayed fluorescence (TADF) is an established
mechanism for harvesting triplet excitons in *metal-free* OLEDs [1]
which gives a maximum attainable internal quantum efficiency of
100%. By minimizing the energy gap between the lowest lying singlet
and triplet states, a conversion of slowly relaxing triplet sates to faster
relaxing singlet states via reverse intersystem crossing rate (rISC) is
promoted. Although several highly efficient TADF emitters have been
discovered, a reliable determination of the reverse intersystem crossing
rate as a key parameter for the characterization of TADFs has not been
provided yet. In this work, we present a kinetic model for the TADF
process which allows to extract not only rate constants but also time
dependent state populations from transient photolumines-cence exper-
iments. Using this model, we obtain temperature dependent rISC rates
from which we calculate the activation energy for the TADF process.
[1] Uoyama et al., Nature 492 (2012), 234*238.

CPP 57.6 Thu 16:15 HI18
Detecting magnetic resonance in Earth’s magnetic field —
®SEBASTIAN MILSTER, ToBI1As GRUNBAUM, SIMON KURRMANN, HER-
MANN KRAUS, SEBASTIAN BANGE, and JouN M. LupToN — Univer-
sitat Regensburg,Institut fiir Experimentelle und Angewandte Physik,
Universitatsstrafe 31, 93053 Regensburg, Germany

Electron paramagnetic resonance in OLEDs [1] at magnetic field
strengths comparable to Earth’s field offers a way to model the mi-
gratory orientation ability of some birds [2] to a certain extent in a
laboratory setting.

With the expected resonance position at a field of approximately
44 microtesla for a frequency of 1.315 MHz [3], even small stray fields
as well as Earth’s magnetic field have a rather large effect and create
a shift on the magnetic field axis, depending on their orientation to
the external applied field. As a consequence, the expected resonance
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peaks partially overlap with other effects in the device, thus becoming
almost unresolvable. By compensating all parasitic fields with a three-
dimensional arrangement of Helmholtz coils, it is possible to nullify
the shifting effects. Following this, the resonances become resolvable
for frequencies even in the low MHz-regime. By optimizing the exper-
imental parameters preliminary results are presented, showing EPR
at a frequency of 1.315 MHz, in resonance with the Zeeman splitting
induced by Earth’s field.

[1] H. Kraus et al., Phys. Rev. B 95, 241201(R)(2017)

[2] W. Wiltschko et al., Science 176, 71-77 (1972)

[3] W. Baker et al., Nat. Commun. 3, 898 (2012)

15 min. break

CPP 57.7 Thu 16:45 HIS8

Spectroscopic study of a novel iron based charge-transfer
complex — oNiLs W. RosemMaNN!, KasPER Skov Kiaer!, NipHI

Kaaur?, Om Prakasu3, PaveL CHABERA!, ALIREzA HONARFAR!,

OLca Gorpivska®, Lisa A. Frepin?, Karvr-Erik BERGQUISTS,
LENNART HAcasTROM®, TorE ERricsson®, LINNEA LiNDH!, ARKADY
YarTsEv!, STENBIORN STYRINGZ, Pine Huang?, Jens Unrnic!,
JespER BENDIX®, DaANIEL STRAND?, VILLY SUNDSTROM!, PET-
TER PERssonN?, REINER LomoTn?, and KENNETH WARNMARKS —
IDivision of Chemical Physics, Department of Chemistry, Lund Uni-
versity, Sweden — 2Department of Chemistry - Angstrém Laboratory,
Uppsala University, Sweden — 3Center for Analysis and Synthesis,
Department of Chemistry, Lund University, Sweden — “*Division of
Theoretical Chemistry, Department of Chemistry, Lund University,
Sweden — 5Department of Physics and Astronomy - Angstrém Lab-
oratory, Uppsala University, Sweden — 6Department of Chemistry,
University of Copenhagen, Denmark

Complex molecules based on transition metals are used in solar light
harvesting, e.g., dye-sensitized solar cells and photocatalysis. Stan-
dard complexes are based on scarce metals like ruthenium. This calls
for replacements based on abundant metals like, e.g., Iron (Fe). Here,
we present our latest results on a Fe-based complex. By coordination
of two tris-carbene ligands to the Fe centre in an octahedral geometry
the deactivation through metal centred states is drastically suppressed.
Thus, unmatched 2 ns room temperature excited state lifetime and 2%
photoluminescence quantum yield are achieved.

CPP 57.8 Thu 17:00 HI18
Coherent dynamics of ultrafast singlet fission in Pentacene —
eAjay Jual, Hona-Guang Duan!+2:3 Xin Li4, VANDANA Tiwaril,
HanvanG YE®, PaBITRA Navak®, X1ao-LEr Zuu?, Zuencg Li', Topp
MarriNez?, MicHAEL THORWART?3, and R. J. Dwayne MiLLER!3:6
— IMPSD, Hamburg, Germany — 2I. Institut fiir Theoretische
Physik, UH, Germany — 3CUI, Hamburg, Germany — *Stanford Uni-
versity, US — 5University of Oxford, UK — University of Toronto,
Canada

Singlet fission is one of the possible ways to circumvent the Shockley-
Queisser limit on efficiency. Pentacene and its derivatives have shown
great promise towards their application in devices to harness photons
for carrier multiplication via singlet fission process. Here we study
the singlet fission process in a pentacene thin film using a combina-
tion of transient-grating and two-dimensional electronic spectroscopy
complemented by quantum chemical and nonadiabatic dynamics cal-
culations. Our study reveals that along with the high-frequency vibra-
tions, intermolecular rocking motions drive the ultrafast dynamics at
the multidimensional conical intersection in the singlet fission process.

CPP 57.9 Thu 17:15 HI18
Mbolecular Structure and Geometry Packing Effects on
Singlet Fission Mechanism — eN. Aracnal, J. Han?, N.
WoLLscHEID!, J.L. PErez LusTres', J. Herz!, S. Haun3, S.
Koser?3, F. Paurus3, U. Bunz?, A. Dreuw?, T. Buckup!, and M.
Motzkus! — !Physikalisch- Chemisches Institut, Ruprecht- Karls-
Universitit Heidelber — Z2Institut fiir Wissenschaftliches Rechnen,
Ruprecht-Karls Universitat Heidelberg — 3Organisch-Chemisches In-
stitut, Ruprecht-Karls-Universitdt Heidelberg

Efficiency limit of organic photovoltaic can be overcome by singlet
fission (SF), a photo induced processes where two triplet states are
formed from an excited singlet state. Molecular structure and pack-
ing arrangement are critical for SF. In this work, quantum chemistry,
organic synthesis and time resolved spectroscopy are applied to ratio-
nalize how SF is effected by systematic chemical modification intro-
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duced in phenazinothiadiazoles (PTD). Substitution of an aromatic
ring of TIPS-Tetracene by a thiadiazole group change in a consider-
able way the relative energy of S1 and T1 states. In contrast with
TIPS-tetracene, SF became exothermic for PTD derivatives, which
show an energy difference S1-2T'1 higher of 0.44 eV. This enables SF
in PTD derivatives, where the fs formation of the T-T state is iden-
tified by transient absorption spectroscopy and TD-DFT calculation.
Moreover, we show via CDFT-CL calculations that dimer architecture
control the strength and coaction between direct and superexchange
couplings, that accelerate the SF rate constant beyond 100 fs.

CPP 57.10 Thu 17:30 H18

Investigating diffusion controlled singlet fission of a chlori-
nated phenazinothiadiazole. — eNikoLAaus WoOLLSCHEID 3, NI-
coLo AracNAl, Josg Luis PeErez LusTres!:3, VicTor Brosius?,
FLoriaN GEYER?, Uwe Bunz2?3, Tiaco Buckup!, and MaRcus
Motzkus!:3 — 1Physikalisch- Chemisches Institut, Ruprecht- Karls-
Universitéit Heidelberg — 2Organisch-Chemisches Institut, Ruprecht-
Karls-Universitdt Heidelberg — 3Centre for Advanced Materials,
Ruprecht-Karls-Universitat Heidelberg

Singlet fission (SF) is a carrier multiplication process where one excited
singlet state yields two triplet states upon close interaction of two chro-
mophores. This ultrafast photoreaction was first observed in solid state
and has strong implications in organic photovoltaics. In order to disen-
tangle the mechanism by extending the dynamics to longer timescales,
concentrated solutions of TIPS-Tetracene were investigated. Here, the
reaction is controlled by the diffusion of the reaction partners, which al-
lowed for the isolation of the spectrum of an intermediate excimer state
[1]. In this work, we use ultrafast transient absorption spectroscopy
to investigate concentrated solutions of a chlorinated phenazinothia-
diazole in toluene. The observation of a correlation between singlet
decay and triplet formation, combined with the linear dependence of
the corresponding decay rate on concentration, indicates diffusion con-
trolled SF. For high concentrations, spectral analysis suggests direct
and efficient SF, whereas an additional process is observed for low
concentrations.
[1] H. L. Stern et al., PNAS, 112, 7656 (2015).

CPP 57.11 Thu 17:45 HI18
Homocoupling defects limit exciton diffusion in a conjugated
polymer — eMARTIN STREITER!, FABIAN MEIER!, DaNIEL BEER!,
CAROLINE LIENERT?, FLORIAN LoMBECK?, MICHAEL SoMMER?, and
CarsTEN DriBEL! — !Institut fiir Physik, Technische Universitt
Chemnitz, 09126 Chemnitz, Germany — 2Institut fiir Makromoleku-
lare Chemie, Universitéat Freiburg, 79104 Freiburg, Germany

Exciton diffusion has been studied in a range of conjugated polymers.
It is both, of fundamental interest and an important step relevant for
high performance organic solar cells. Copolymers such as PCDTBT
are commonly employed as donor material in bulk heterojunction so-
lar cells. Recently, chemical defects such as homocouplings have been
shown to form at the material synthesis stage, severely limiting the
short circuit current of organic photovoltaics. Here we show that in-
deed carbazole homocoupling limits exciton diffusion in PCDTBT. We
propose a mechanism that explains the limitation of exciton diffusion
caused by high homocoupling concentrations and short chain lengths.
Diffusion is limited when either chain length or homocouplings impair
the effective conjugation length of the polymer chain.

CPP 57.12 Thu 18:00 H18
Correlated Atomic Force Microscopy and Spatially-resolved
Photoluminescence Spectroscopy Study of Merocyanine Ag-
gregate Thin Films — eLukaAs BOHNER, THORSTEN LIMBOCK,
Dirk HerTEL, KrAs LinDrors, and Krnaus MEERHOLZ — Univer-
sity of Cologne, Koln

Merocyanine molecules are interesting materials for organic solar cells
(OSCs) due to their high absorption coefficients [1]. Large area OSCs
can be produced at low cost. However, the in this way resulting dis-
ordered structure of the active material in OSCs is disadvantageous
in terms of exciton- and charge mobility. One strategy to increase
order in organic materials is the utilization of molecular aggregates
wherein excitons are delocalized. Additionally aggregation of organic
dye molecules leads to drastic changes of the optical properties com-
pared to the monomeric form [2]. Here, we study thin films of merocya-
nine molecular aggregates fabricated by vacuum deposition. The mor-
phology of the films is varied by using different substrates and control-
ling the deposition parameters. Combining atomic force microscopy
and photoluminescence microspectroscopy we are able to correlate the
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structural and optical properties of the aggregates. We find that by
suitable choice of the fabrication parameters, thin films consisting of
crystalline domains which scale in the range of tens of micrometers can
be obtained. We will present the impact of molecular order on exciton

and charge transport properties. References: [1] H. Biirckstiimmer, et
al., Angew. Chemie - Int. Ed. 2011, 50, 11628-11632. [2] A. Liess, et
al., Adv. Funct. Mater. 2018, 1805058, 1-9.

CPP 58: Nanostructures, Nanostructuring and Nanosized Soft Matter

Time: Thursday 15:00-18:30

Invited Talk CPP 58.1 Thu 15:00 HI13
Gyroids on the nanoscale: Metamaterials with surprising op-
tical properties — eBopo WiLrs — Adolphe Merkle Institute, Uni-
versity of Fribourg, Fribourg, Switzerland

Block copolymers can self-assemble into various nanostructured mor-
phologies, such as lamellae, cylinders, spheres and the gyroid. Such
polymeric structures can be used as templates to fabricate functional
nanostructured materials. This bottom-up fabrication route allows
generating materials with different, or entirely novel, properties. One
example are optical metamaterials, metallic structures with unit cells
smaller than the wavelength of light. Here, I will show that opti-
cal metamaterials can be fabricated by replicating gyroid polymeric
nanostructures into plasmonic metals. The cubic gyroid structure is
of particular interest for optical metamaterials applications due to its
inherent chirality, which promises to induce novel optical properties in
gyroid metal replica. I will demonstrate that these gyroids indeed show
surprising optical properties such as linear and circular dichroism, and
will show that these properties originate from a contribution of the
surface morphology and the local orientation of the gyroid structure.
I will discuss the importance of structural order of the polymeric tem-
plates on the resulting optical metamaterials and will further outline
how changing the material composition, e.g. by changing the material
from gold to silver, changes the optical properties of the nanostruc-
tures.

CPP 58.2 Thu 15:30 HI13
The real 3D morphology of cylindrical block copolymer
nanomasks — eDaNIEL KoorL!2, KATHARINA Brassarh2, and Jora
K. N. LinpNerD2 — University of Paderborn, Dept. of physics,
Paderborn, Germany — 2Center for Optoelectronics and Photonics
Paderborn CeOPP, Paderborn, Germany

Block copolymer (BCP) lithography is a well-established technique
which allows for economical large-area patterning of surfaces with self-
assembled nanoscale features. We exploit the microphase separation of
copolymers, here poly(styrene-b-methyl methacrylate) (PS-b-PMMA)
BCP with a block length ratio of 70:30. This results in the forma-
tion of 17 nm diameter PMMA cylinders perpendicular to the surface
and hexagonally arranged in a PS matrix. After selective removal of
PMMA cylinders the nanostructured PS thin film can be used in com-
mon lithography processing steps, as reactive ion etching and lift-off
for pattern replication and transfer. Here we demonstrate that the ef-
ficiency of replication of the nanostructured features can be drastically
improved by modification of the polymer mask prior to lithographic
use by an Og plasma treatment. We achieved an experimental method
of pattern replication without loss of features and the opportunity to
tune the feature size precisely on the nanometer scale. By SEM inves-
tigations of both interfaces of the lithography mask we were able to
reconstruct the 3-dimensional morphology of the polymer mask. In-
direct information on the polymer mask morphology is obtained, in
addition, from pattern replication studies by lift-off experiments and
by RIE, allows to conclude on the real 3D shape of BCP pores.

CPP 58.3 Thu 15:45 HI13
Research of the high loading capacities of amphiphilic Poly(2-
Oxazoline)-based Triblockcopolymers with Curcumin
eOzcur DUDUKcU!, B. SocHor!, M. LuBTow?, B. ScHUMMERYZ,
R. Luxen"oreR?, and R. HaNkE!2 — lInstitute of Physics, Chair of
X-ray Microscopy, Universitit Wiirzburg, Germany — 2Fraunhofer In-
sitiute for Integrated Circuits IIS, Development Center X-ray Technol-
ogy EZRT, Fiirth, Germany — 3Functional Polymer Materials, Chair
for Advanced Materials Synthesis, Department of Chemistry and Phar-
macy and Bavarian Polymer Institute, Universitdt Wiirzburg, Ger-
many

In this project, drug-loaded triblock copolymers in solu- tions were in-
vestigated using small-angle-neutron-scatter- ing (SANS), densiomet-
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ric measurements and 1H-NMR Spectro- scopy. Curcumin was used
as the hydrophobic drug and Poly (2-Oxazoline)-based amphiphilic tri-
block copolymers as carrier systems. The triblock copolymers consist
of a hydrophobic middle block and hydrophilic side chains. Polymer
carrier systems in nanomedicine typically have loading capacities of
less than 10-20 %. The aim of the project was to clarify the high drug
loading capacities up to 80 wt% of the investigated formulations. This
effect is still unexplained. By analysing the scattering curves of the
formulations resulting from the SANS experiments, information about
the structure and composition of the formulations was obtained. The
scattering curves are compared with theoretical models to clarify the
structure of formulated drug-polymer-systems. The analysis showed
that the drug-loaded polymers form micelles with a hydrophobic core
and two outer shells, i.e. a core-shell-shell model. Including 1H-NMR
measurements it was found that curcumin does not only accumulate
in the hydrophobic core. Despite its hydrophobic character interacts
with the hydrophilic side chains of the triblock copolymer and forms a
second shell. Thus this model gives a possible explanation of the high
loading capacity of the polymers.

CPP 58.4 Thu 16:00 H13
Sputter deposition of Al on nanostructured PMMA-b-
P3HT and PS-b-PMMA copolymer thin films — eMAaARc
Genscu!2, MarTHIAS SCHWARTZKOPF!, JoNAas DREWEsS®, OLEK-
SANDR PoLonsky13, THoMAs STRUNSKUS®, FraNz FaupeL3, Pe-
TER MULLER-BuscuBauM?, and STEPHAN VOLKHER Roral?
!Deutsches Elektronen-Synchrotron (DESY), Notkestr. 85, D-22607
Hamburg, Germany — 2Technische Universitit Miinchen, Physik-
Department, LS Funktionelle Materialien, James-Franck-Str. 1, D-
85748 Garching, Germany — 3Lehrstuhl fiir Materialverbunde, Insti-
tut fiir Materialwissenschaft, Christian Albrechts-Universitat zu Kiel,
Kaiserstr.2, D-24143 Kiel, Germany — *KTH Royal Institute of Tech-
nology, Teknikringen 56-58, SE-100 44 Stockholm

Nanostructured polymer-metal-composite films show great perspec-
tives for optoelectronic applications, e.g. as sensors or photovoltaics.
To tailor properties of such devices the self-assembly process of the
nanostructures needs to be understood. We studied in situ the evolu-
tion of the cluster growth morphology by grazing incidence small-angle
X-ray scattering (GISAXS), the crystallinity of the nanogranular metal
film with grazing incidence wide-angle X-ray scattering (GIWAXS) and
the optical properties using surface differential reflectance spectroscopy
(SDRS) all simultaneously during Al sputter deposition on nanostruc-
tured polymer templates. Our study reveals the selective decoration
of Al on the polymer domains and the templates influence on the per-
colation behavior of the Al layer.

CPP 58.5 Thu 16:15 HI13
Pattern transfer of self~assembled block copolymer nanopores
into silicon and silicon dioxide by reactive ion etching —
e ALEXANDER STRATMANN, DANIEL KooL, JuLius BURGER, KATHA-
RINA Brassar, and JOore K. N. LINDNER — Paderborn University,
Paderborn, Germany

Reactive ion etching (RIE) is a highly reproducible dry etching method,
which combines the benefits of physical sputtering with ions and chem-
ical etching with radicals. By combining RIE processes with block
copolymer (BCP) lithography large-area nanopore patterns in the sub-
20 nm regime can be created. To this end, the self-ordering of a
polystyrene-b-methyl methacrylate (PS-b-PMMA) BCP is exploited to
create hexagonally arranged PMMA cylinders in a PS matrix. After
the selective removal of the PMMA cylinders the PS thin film can
be used for common lithography processes such as RIE. The pattern
transfer was accomplished on silicon and silicon dioxide surfaces by
etching with a SFg/Ar and a CHF3/Ar plasma, respectively. To com-
plete the lithography process, the removal of the mask was done by
an Oz /Ar plasma. We achieved a highly reproducible method to etch
nanopores with homogenous etching depth, etch profile, pore diameter
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and high feature density. The process steps are investigated by SEM,
AFM and cross-sectional TEM.

15 min. break

CPP 58.6 Thu 16:45 H13
Dye-Sensitized Ternary Copper Chalcogenide Nanocrystals:
Optoelectronic Properties, Air Stability and Photosensitiv-
ity — eSonam Marri!2, SANTaANU MarTi?, ALl Hossain Kuan3,
FrRANK ScHREIBERZ, and Marcus ScHEELE! — lInstitute of Physi-
cal and Theoretical Chemistry, University of Tiibingen, Germany. —
2Institute of Applied Physics, University of Tubingen, Germany —
3Department of Chemistry, Ghent University, Belgium

Copper chalcogenide nanocrystals (NCs) exhibit a great potential
for optoelectronic applications and efforts have been made to in-
crease electronic coupling in thin films of these materials.1-2 We re-
port on the effect of ligand exchange of Cu2-xSeySl-y as well as
Cu2-xSe nanocrystals (NCs) with the organic pi-system Cobalt S-
tetraaminophthalocyanine (CoTAPc) and analyze changes in the struc-
tural, optical as well as electronic properties. A strong ligand interac-
tion with the surface of the NCs is revealed by absorption and Raman
spectroscopy. Grazing-incidence small-angle X-ray scattering studies
show a significant contraction in the interparticle distance upon lig-
and exchange. For Cu2-xSe, this contraction has a negligible effect on
electric transport, while for Cu2-xSeyS1-y the conductivity increases
by eight orders of magnitude and results in metal-like temperature-
dependent transport. With photocurrent measurements, we demon-
strate high optical responsivities for Cu2-xSeyS1-y NCs and show the
organic pi-system acts as an electronic linker and an optical sensitizer
at the same time. 1. C. Coughlan et al, Chem Rev 2017, 117 (9),
5865-6109. 2. S. Maiti et al, JPCC 2018, 122 (41), 23720-23727.

CPP 58.7 Thu 17:00 H13
Following the formation of metal electrodes on photoac-
tive polymer thin films — eFraNziskA LOHRER!, VOLKER
KorsTgENs!, SimoN ScHAPER!, MATTHIAS SCHWARTZKOPFZ,
ALEXANDER Hinz3, OLEKSANDR PoLoNsky1®, THOMAS STRUNSKUSS,
Franz Faupen®, StepuaN RoTu??, and PETER MULLER-
Buscuaum! — 1'TU Miinchen, Physik-Department, D-85748 Garch-
ing — 2Deutsches Elektronensynchrotron DESY, D-22607 Hamburg
— 3CAU zu Kiel, Institut fiir Materialwissenschaft, D-24143 Kiel —

4KTH, Teknikringen 56-58, SE-100 44 Stockholm

Although based on organic materials, organic solar cells often include
metal electrodes due to their unrivaled electronic conductivity. Thus,
polymer-metal interfaces are inherently present in most OPV devices
and have a major influence on their behavior. Understanding the
growth mechanisms of metal contacts on polymer thin films plays a
crucial role in identifying potential ways to enhance the device per-
formance. We investigate the morphological changes at the metal-
polymer interface during the sputter deposition of metal contacts onto
photoactive polymer films via in-situ GISAXS. This technique allows
insights into the structural evolution of the metal on the organic film.
A model describing the process is developed based on earlier work on
different material systems. Comparing the deposition behavior of typ-
ical electrode materials on thin films of photoactive organic materials
helps to understand their influence on the respective device perfor-
mance.

CPP 58.8 Thu 17:15 HI13
Structural and melting properties of low molecular weight
PEG confined in nanoporous ITPC — e ANN-KATHRIN GREFE,
ByorN KuTtTicH, and BERND STUHN — Institut fiir Festkorperphysik,
Technische Universitdt Darmstadt

Ton track-etched polycarbonate constitutes an ideal system for study-
ing confined polymers. Whereas other nanoporous systems often rule
out small angle x-ray scattering due to predominant pore scattering
and laborious data description, ITPC allows for a more straightfor-
ward investigation since the pores are not structurally correlated. [!]
Nanopores with radii from 8 to 205 nm are prepared and coated with
10 nm of SiO2 via ALD in order to obtain a well-defined and homo-
geneous surface. SAXS reveals the nearly perfect cylindrical geometry
of the pores. The linear dependency of the pore radius on the etching
time is shown to hold true over the complete range of pore radii.
PEG with My, = 1500g/mol and a semicrystalline lamellar bulk
structure is introduced into the nanopores via melt infiltration. At
high temperatures SAXS confirms a nearly complete filling with amor-
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phous polymer. Upon cooling below the melting point of PEG, a con-
centrical arrangement of semicrystalline lamellae is revealed for pore
radii over 71 nm. We introduce models which successfully describe the
combined scattering from nanopores and semicrystalline or amorphous
PEG inside. DSC measurements of the confined polymer show a de-
crease of melting temperature and heat of fusion per gram polymer
upon reduction of the pore radius and hint at a change in nucleation
mechanism.
(1] M. Engel et al., Appl Phys A 97, 99-108 (2009)

CPP 58.9 Thu 17:30 H13
High-resolution multi-channel nanoparticle separation uti-
lizing rocked Brownian motors — eCHRISTIAN SCHWEMMER,
Francesca RucGerl, X1aovyu Ma, and ArMIN KnoLL — IBM Re-
search - Zurich, Switzerland

Artificial Brownian motors were inspired by how nature achieves di-
rected transport in highly diffusive environments [1]. Their two main
ingredients are an asymmetric potential and a zero-mean driving force.
Our implementation employs the electrostatic interactions in weak
electrolytes between charged nanoparticles and like charged surfaces
of a nanofluidic slit [2] to define a ratchet shaped energy landscape [3].
A zero-mean AC electric field across the slit induces an electro-
osmotically transduced driving force, resulting in drift speeds of up to
50 pm/s for 60 nm gold spheres. The motors exhibit an Arrhenius-like
onset of the particle current with decreasing amplitude of the energy
barriers, a promising feature for particle separation [4]. Based on this
property, we developed a fast and highly selective nanoparticle sort-
ing device to separate gold spheres of nominally 80 nm and 100nm
diameter along its y-axis into 30 subpopulations with <2nm sorting
resolution. By switching the AC field to the x-direction, the separated
populations are transported to compartments for collection. Thus,
scalable continuous multi-channel particle separation is within reach.
[1] Hénggi et al., Rev. Mod. Phys., 81, 387 (2009)

[2] Krishnan et al., Nature, 467, 692 (2010)

[3] Skaug et al., Science, 359, 1505 (2018)

[4] Bartussek et al., Europhs. Lett., 28, 459 (1994)

CPP 58.10 Thu 17:45 H13
Nanoporous Gold supported Polypyrrole: Electrochemically
Modulated Elasticity — oJie Li!, JORGEN MaARkMANND2| JORG
WeissMULLERY2, and Napna Mamexka! — lHelmholtz-Zentrum
Geesthacht, Institute of Materials Research, Materials Mechanics —
2Hamburg University of Technology, Institute of Materials Physics and
Technology

Polypyrrole (PPy), an intrinsic conducting polymer, has drawn
widespread attention in many fields, such as, displays, ion exchange
membranes and actuators, where mechanical integrity is required by
functionalities. Thin films preparation and their mechanical proper-
ties, say, strength, have been widely studied, whereas the elastic mod-
ulus, especially the modulus under stress coupled with electrochemical
conditions, remains to be clarified. Herein, PPy film is electropolymer-
ized on mm-size nanoporous gold (NPG), a 3D bicountinuous network
of nanoscaled ligaments and pores with large surface area [1]. Uni-
form PPy coatings with various thicknesses in bulk NPG are achieved
without blocking the original nanopores. The elastic modulus mea-
surements of NPG-PPy composites were performed in situ during po-
tential cycling in aqueous electrolyte in a dynamic mechanical analyzer
(DMA). In situ DMA experiments reveal a non-monotonic modulus re-
sponse versus the potential during charging-discharging processes, as
opposed to nearly linear variation of the macroscopic length. More-
over, the modulus variation amplitude increases with the PPy film
thickness. Possible mechanisms for the stiffness behavior will be dis-
cussed. [1] Mameka et al, Mater. Res. Lett., 2016, 1:27.

CPP 58.11 Thu 18:00 H13
Structural Characteristics of Small and Stable Coenzyme
Q10 Nanoparticles produced by Antisolvent Precipitation
— eIsABEL ScHULDES, DENNIS M. NoLL, ToBias ZEcH, and To-
BIAS UNRUH — Institute for Crystallography and Structural Physics,
Friedrich-Alexander Universitdt Erlangen-Niirnberg, Erlangen, Ger-
many

The production of organic nanoparticles (NPs) via antisolvent precip-
itation (AP) is a less-invasive and low-cost alternative to top-down
methods like high-pressure homogenization. Thus, AP is receiving
growing attention, e.g. for the preparation of nanodispersions of phar-
maceutical ingredients. For instance, the antioxidant coenzyme Q10
(Q10) has several health protective effects and Q10 NPs showed im-
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proved bioavailability compared to free Q10.

Here we report the structural characterization of Q10 NPs produced
by AP. The NPs are analyzed by photon correlation spectroscopy
(PCS), cryogenic transmission electron microscopy (CryoTEM), small-
angle X-ray and neutron scattering (SAXS; SANS, KWS-1 at MLZ).
In particular, the combination of SAXS and SANS studies allows the
investigation of the molecular structure of the NPs and the interface be-
tween the NPs and the dispersion medium. Our experiments revealed,
that Q10 NPs prepared by AP are stable with and without added sta-
bilizer, have a particular small size (down to ~ 20 nm in diameter), and
exhibit a specific stabilizing layer, suggesting a self-stabilizing process
of the Q10 molecules.

CPP 58.12 Thu 18:15 HI13
The impact of inhomogeneous distributions and magnetisa-
tion of nanoparticles on the equilibrium structure of magnetic
filaments — eDEgNI1z Mostarac!, PEpro A. Sancuez!?, OLEc
Ganc®4) and Soria KanTorovicn!2 — 1University of Vienna, Vi-
enna, Austria — 2Ural Federal University, Ekaterinburg, Russia —

CPP 59: Composites and
Time: Thursday 15:00-17:30

Invited Talk CPP 59.1 Thu 15:00 HS8
Polymer-Grafted Nanoparticle Membranes with Exceptional
Gas Separation Performance — eSANAT KuMAR — Columbia Uni-
versity, Department of Chemical Eng., New York, NY 10025, USA

Polymeric membranes represent an efficient solution for separating
gas mixtures, e.g., for natural gas purification. Several recent re-
views emphasize that improved mechanical and gas separation (i.e.,
increased permeability and selectivity) performance is required from
next-generation constructs; achieving these goals require that predic-
tive structure-property relationships be developed for these materials.
In this vein, here we leverage our evolving understanding of polymer
brush physics to systematically design membranes which show excep-
tional improvements over the current state-of-the-art. We show that,
while pure polymer-grafted nanoparticle (GNPs) membranes yield in-
creased gas permeability through graft density and chain length vari-
ations, mixing GNPs with ungrafted polymers improves selectivity so
that we routinely outperform the best currently available polymers.
Surprisingly, we find that transport in pure GNPs is spatially inho-
mogeneous with large gases moved primarily through interstices, while
smaller solutes diffuse more homogeneously in the polymer layer. Free
chains segregate into these interstices, preferentially hindering large
solute motion, thus dramatically improving selectivity. The ability
to exploit spatial inhomogeneities in GNPs with ungrafted chains is
a new, apparently general, paradigm to design membranes with un-
precedented performance even using common polymer architectures.

CPP 59.2 Thu 15:30 HS8

Insights into the porous structure of metal-imidazolate frame-

works having high gas uptake — eAHMED. G. ArTaLLAH!,
SUVENDU. S. MonpaL?, Hans-JURGEN HoLrpT?, and REINHARD
Krause-REHBERG? — !Helmholtz-Zentrum Dresden-Rossendorf, In-

stitute of Radiation Physics, Bautzner Landstr. 400, 01328 Dresden,
Germany — 2Institut fiir Chemie, Anorganische Chemie Universitit
Potsdam, Karl-Liebknecht-Str. 24-25, 14476 Potsdam, Germany —
3Institut fiir Physik, Martin-Luther-Universitit, Von-Danckelmann-
Platz 3, 06120 Halle, Germany

Several methodologies, like pore surface-amines functionalization, de-
fect engineering, and others have been evolved to improve gas up-
take by Metal-Organic-Frameworks(MOFs). It was reported that
microwave(MW)-assisted synthesis of MOFs exhibited an enhance-
ment of N2 and CO2 uptake capacity, compared to the anal-
ogous Conventional Electric(CE)-heating based materials. How-
ever, no detailed investigations on the origin of the high guest up-
take capacity of MW-assisted materials have been carried out. In
this work, three MW-assisted isostructural Imidazolate-Framework-
Potsdam(IFP) which showed an enhancement of CO2 and H2 uptake
capacities are investigated. These three samples have flexible methoxy
and ethoxy linker arms. Thus, the aim here is to understand the
reasons for the high gas uptake of materials synthesized by the MW-
assisted conditions compared with the same materials synthesized by

3Columbia University, New York, USA — #Brookhaven National Lab-
oratory, New York, USA

Construction of smart materials with sophisticated magnetic response
by incorporating magnetic particles (MNP’s) within permanently
cross-linked structures, opens the possibility for applications to highly
magneto-responsive systems [1]. Construction of magnetic filaments
(MF’s polymer-like structures in which as monomers are the magnetic
beads) is possible using DNA origami technique [2,3]. Structural in-
homogeneities alter the equilibrium properties and the magnetic re-
sponse of MF’s. Using MD simulations, we show that coiling and
persistence length of MF’s depend on the magnetic particle distribu-
tions, along with temperature and applied magnetic field. We compare
the structural properties and magnetic behaviour of different configu-
rations of MF’s, highlighting that our model takes in to account super-
paramagnetic effects. We present an exhaustive, comparative analysis
of the field dependent, structural behaviour of MF’s.

[1] Sanchez, P. A., et al. Macromolecules 48.20 (2015): 7658-7669.
[2] Liu, W., et al. Nature chemistry 8.9 (2016): 867. [3] Tian, Y., et
al. Nature materials 15.6 (2016): 654.

Functional Polymer Hybrids
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CE-heating methods. This study is performed by Positron Annihila-
tion Lifetime Spectroscopy (PALS) in addition to other characteriza-
tion methods.

CPP 59.3 Thu 15:45 HS8
Touching and detachment: Nickel-particle movement in an
elastomer matrix under exertion to magnetic field — eHENRIK
ScumipT! and GUNTER K. AUERNHAMMER? — !Max Planck Insti-
tute for Polymer Research, Mainz, Germany — 2Leibniz Institute for
Polymer Research, Dresden, Germany

Magnetorheological elastomers are hybrid materials comprising a non-
magnetic polymer matrix with interspersed magnetic filler particles.
As they are complementary to MR fluids and MR foams they gained
a lot of interest for applications. To be useful the volume ratio of
particles has to be in the order where the particle distance is roughly
around one particle diameter. To get a basic idea of the mutual in-
teraction under a rotating magnetic field we reduced the system to
two superparamagnetic nickel particles enclosed by a PDMS-matrix.
For the correct parameters of particle diameter, distance and elastic
modulus of the surrounding matrix the system exhibit a new state de-
scribed in the following: After applying the magnetic field particles
snap into contact. During rotation the particles separate at certain
points to take their original position. Thus the particle distance shows
a hysteresis in relation to the angle between magnetic field and parti-
cle axes. Calculating the dipole interaction shows an agreement with
the experiments even though in contact a treatment of the particles
as point-like dipoles should be not valid. Presented state of the MREs
needs to be compared to theoretical models.

CPP 59.4 Thu 16:00 HS8
Simulation of magnetodielectric effect in magnetorheolog-
ical elastomers — eDANIL Isaev!, ANNa SemisaLoval:2, Yu-
L1A ALEKHINA', LiubmiLa Locinoval:3, and NikorLar PErovl:3 —
I Lomonosov MSU, Faculty of Physics, Moscow, Russia — 2Helmholtz-
Zentrum Dresden-Rossendorf, Dresden, Germany — 5Baltic Federal
University, Kaliningrad, Russia

We present the computer model of the magnetodielecric effect (MDE)
in magnetorheological elastomers. The effect is based on the assump-
tion about the displacement of magnetic particles inside the elastic
matrix under the external magnetic field and the formation of chain-
like structures. Such displacement of metallic particles inside the elas-
tic matrix of the sample between the planes of capacitor leads to the
change of capacity, which can be considered as a change of effective
dielectric permittivity of elastomer caused by magnetic field (MDE).
In the model of the MDE the systems consist of around 100000 parti-
cles which are considered as isotropic and anisotropic samples varying
with concentration of magnetic filler, size and space distribution of
particles, elastic properties of the matrix. The influence of orientation
of magnetic field and the capacitor plane was studied, the anisotropy
of the effect was observed. The developed model resulted in a good
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qualitative agreement with experimental data obtained for Fe-based
elastomers. It can be used to study these novel functional materials,
analyze the features of magnetodielectric effect and predict the opti-
mal composition of magnetorheological elastomers for further profound
experimental study.

CPP 59.5 Thu 16:15 HS8
Surface Lattice Resonances in the Visible Optical Range by
Soft Lithography Templates and Directed Self-Assembly —
eVaiBHAv GupTal and ToBias Konigh2 — !Leibniz-Institut fiir
Polymerforschung Dresden e. V., hohe strafie 6, D-01069 Dresden,
Germany — 2Cluster of Excellence Centre for Advancing Electronics
Dresden, Technische Universitdt Dresden, Mommsenstrafse 4, D-01062
Dresden, Germany

We demonstrate a novel approach towards cost-efficient and low-loss
plasmonic nanostructures, whose pronounced optical anisotropy can
be detected by naked eye. Soft interference lithography and template-
assisted colloidal self-assembly are used to fabricate a flexible macro-
scopic periodic square lattice of gold nanoparticles. Surface scanning
methods reveal a full coverage of the array. The high structural qual-
ity results in a narrow bandwidth surface lattice resonance with a line
width of 25. We show the hybrid nature of the optical response using
angle dependent UV-vis spectroscopy and numerical simulations. We
propose a platform to curb the rigid nature of optical systems and offers
versatile plasmon mode engineering. This real time band edge tunable
metasurface can find potential application in long range coherent en-
ergy transfer. However the rational design framework established here
allows for generalization in account for other wavelength regime and
particle type.

15 min. break

CPP 59.6 Thu 16:45 HS8
Disentangling the mechanical properties of polymer grafted
nanoparticles — eJiaAruL MiDvA and ArRASH NIKOUBASHMAN — In-
stitute for Physics, Johannes Gutenberg University Mainz, Staudinger-
weg 7, 55128 Mainz, Germany

Polymer grafted nanoparticles are promising materials with a wide
range of applications in drug delivery, gas transport, photonic and
electric materials. The mechanical properties of such materials can be
controlled through the volume fraction and distribution of the nanopar-
ticles, which can be achieved by changing the degree of polymeriza-
tion of the grafted chains and their grafting density. Previous studies
have tried to explain the elastic properties of nanocomposite materials
through the effective medium theory, which relates the elastic mod-
ulus directly to the volume fractions of the hard nanoparticles and
of the soft polymer matrix. However, recent experiments have shown
significant variations of the elastic modulus for nanocomposites with
the same volume fractions but different grafting densities and chain
lengths. This behavior can not be explained by the existing effective
medium theory. To investigate the origin of this effect we have per-
formed molecular dynamics (MD) simulations. We demonstrate that
the chain conformations play a crucial role for the elastic modulus
of the nanocomposite, a contribution which has not been taken into

account in the effective medium theory.

CPP 59.7 Thu 17:00 HS8
Rigid Amorphous Phase in Polymer Nanocomposites as
Revealed by Dielectric Spectroscopy and Fast Scanning
Calorimetry — ePAULINA SZYMONIAK and ANDREAS SCHONHALS —
Bundesanstalt fiir Materialforschung und priifung (BAM), Berlin, Ger-
many

For inorganic/polymer nanocomposites a so-called Rigid Amorphous
Phase (RAF) is formed in the interfacial region by adsorption of poly-
mer segments onto the nanoparticles. The segmental dynamics of RAF
is expected to be altered, as compared to the pure matrix, which might
percolate to the entire system, affecting the overall nanocomposite
properties. A combination of two relaxation spectroscopy techniques
(Broadband Dielectric Spectroscopy (BDS) and Temperature Modu-
lated DSC (TMDSC)) as well as Fast Scanning Calorimetry (FSC)
were employed to investigate the structure and molecular mobility
of nanocomposites based on Epoxy and Layered Doubled Hydroxides
with different nanoparticle content. First, BDS investigations proved
the existence of a process, which is present only for nanocomposites,
assigned to the dynamics of polymer segments within RAF. Second,
the amount of RAF was quantified by analyzing the change of specific
heat capacity step of nanocomposites, comparing to the pure mate-
rial. Thirdly, the glass transition of nanocomposites was studied with
FSC, applying high heating rates (0.5-10 kK/s). Considering that all
techniques probe essentially the same molecular process, an activation
plot was constructed, delivering a complete picture of the molecular
mobility and structure of the polymer nanocomposites including RAF.

CPP 59.8 Thu 17:15 HS8
Implicit-medium model for viscoelastic properties of fractal-
like aggregates polymer nanocomposites eFrRANGOIS
DETCHEVERRY!, YaNG Wanc!, GaiTaNn MAUREL2, Marc CouTy?,
and SAMY MERABIA! — 1Univ Lyon, CNRS, Institut Lumiére Matiére,
Villeurbanne, France — 2MFP MICHELIN 23, Place des Carmes-

Déchaux Clermont-Ferrand, France

Dispersing solid fillers into a polymer matrix is a common strategy to
enhance its properties. Polymer nanocomposites (PNCs) so obtained
with fractal-like aggregates have exceptional rheological behavior long
exploited in the tire industry. However, due to disparity of time and
length scales, our understanding of the relation between nanocompos-
ites structure and rheology remains incomplete. Here, we propose a
mesoscopic model to simulate fractal-like aggregate PNCs. While ag-
gregates are represented explicitly, we use for the polymer matrix an
implicit description based on generalized Langevin and Stokes equa-
tions, that capture the average effect of a viscoelastic medium. Such a
two-level description allows us to simulate large PNCs systems contain-
ing dozens of aggregates. Investigating the linear viscoelastic proper-
ties of PNCs, we find that compared to nanoparticles, aggregates may
induce levels of reinforcement considerably larger and we characterize
the influence of aggregate size, rigidity and volume fraction. We also
examine the Payne effect and relate it to the alignment of aggregates
under the imposed deformation. Our results may help in building con-
nections between the macroscopic mechanical response of the PNCs
and the mesoscopic morphology of the fillers.

CPP 60: Biomaterials and biopolymers Il (joint session BP/CPP)

Time: Thursday 15:00-17:00

CPP 60.1 Thu 15:00 HI10
Cell Adhesion as a Function of Hydrogel Layer Thickness:
From Thin Layers to Bulk Samples — eSANDRA SINDT, GALEN
REAM, and CHRISTINE SELHUBER- UNKEL — Institute of Materials Sci-
ence, CAU Kiel, Germany

Cells are in vivo in contact with a large range of different mechani-
cal environments. However, many tissues have complicated structures
without distinct elasticity values, which can result in stiffness gradi-
ents close to their interfaces and cells are known to be capable of
sensing a more rigid substrate underneath a soft structure. For ex-
ample, Buxboim et al. have recently shown that mesenchymal stem
cells show increased adhesive spreading on thin soft hydrogels due to a
stiff underlying substrate. A threshold of rigidity sensing of fibroblasts
was reported to be 60-70 micrometer thickness at approximately 1 kPa
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of elastic modulus. We here report results on the dependency of cell
adhesion on hydrogel thickness and elasticity. This is of great impor-
tance for the design and development of coatings for various biomedical
applications. We use polyacrylamide layers on glass slides with thick-
nesses below 100 micrometer to semi-infinite bulk samples (ca. 500
micrometer). Furthermore, we use two different elasticities to deter-
mine, if the effective cellular substrate sensing depth is affected by the
elasticity of the samples. Our results demonstrate that the spreading
area and circularity is strongly influenced by the thickness of the poly-
acrylamide samples. However, there was no conclusive difference in
this effect for both stiffnesses.

CPP 60.2 Thu 15:15 HI10

protein condensates are glassy eLOUISE
, ELisABETH FIiscHER-FRIEDRICH?, SUROPRIYA SAHA!,

Liquid-like
JawerTHD2
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ANTHONY HyMaN?, and FRANK JULICHER Max Planck Insti-
tute for the Physics of Complex Systems, Dresden, Germany — 2Max
Planck Institute of Molecular Cell Biology and Genetics, Dresden, Ger-
many — 3Biotechnology Center, Technische Universitat Dresden

Liquid-like protein condensates (LLPCs) are intracellular compart-
ments that segregate material without the use of a membrane. The
liquid-like behavior of the condensates is a defining characteristic and
the viscosity, surface tension and other material properties deter-
mine how segregated species diffuse into and within condensates; they,
thus, critically impact the biological function of the condensates. It
has become increasingly clear that some LLPCs do not have time-
independent material properties, but can, instead, transition to more
solid, gel-like materials. Here, we present our efforts to quantify these
new materials as they age in vitro. We measure the visco-elastic ma-
terial properties of two proteins, PGL-3 and FUS, by means of a com-
bination of active and passive microrheology. At early times, we find
that the droplets behave much like simple liquids but gradually be-
come more elastic. Surprisingly, the changing mechanical properties
can all be scaled onto a single master curve using one characteristic
time scale which grows as the sample ages. This and other features
we observe bear a striking resemblance to the behaviors observed in
materials with glass-like aging suggesting that LLPCs are in fact not
simple liquids but, rather, a type of soft glass.

CPP 60.3 Thu 15:30 HI10
The Poisson ratio of the cellular actin cortex is frequency-
dependent — MAaRCEL MoKBEL!, KAMRAN HOSSEINIZ, SEBASTIAN
AvLanD!, and eELisaBETH FiscHER-FRriepricH? — 'Hochschule fiir
Technik und Wirtschaft, Dresden, Germany — 2Biotechnology Cen-
ter, Technische Universitdt Dresden, Dresden, Germany

Cell shape changes are vital for many physiological processes such as
cell proliferation, cell migration and morphogenesis. They emerge from
an orchestrated interplay of cellular force generation and cellular force
response both crucially influenced by the actin cytoskeleton. To model
cellular force response and deformation, cell mechanical models com-
monly describe the actin cytoskeleton as a contractile isotropic incom-
pressible material. However, in particular at slow frequencies, there is
no compelling reason to assume incompressibility as the water content
of the cytoskeleton may change. Here we challenge the assumption of
incompressibility by comparing computer simulations of an isotropic
actin cortex with tunable Poisson ratio to measured cellular force re-
sponse. Comparing simulation results and experimental data, we de-
termine the Poisson ratio of the cortex in a frequency-dependent man-
ner. Our results show that the Poisson ratio of the cortex depends
on the frequency and may deviate from the incompressible case. In
addition, our results suggest that the assumption of cortex isotropy
is violated at large time scales likely due to anisotropic actin cortex
repolymerization from the membrane.

Invited Talk CPP 60.4 Thu 15:45 HI10
3D scaffolds as cell-instructive biomaterials — eCHRISTINE
SELHUBER-UNKEL — Institute for Materials Science, University of
Kiel, Kiel, Germany

In vivo, many cell types are embedded in densely structured 3D envi-
ronments. Such environments typically contain nano- and micropores
or consist of nano- and microfibrous interwoven biopolymer structures.
Mimicking such natural environments by synthetic materials can pro-
vide novel functionalities in many applications, particularly in tissue
engineering. We therefore investigate 3D scaffold materials for their
impact on cellular properties. As a first example, microchannels are
embedded in a hydrogel matrix of well-defined stiffness, chemistry and
conductivity. The scaffold provides a large and spatially controlled
cell-surface contact area through the specific architecture of its pores,
such that the specific properties of the environment have large im-
pact on the cells and induce, e.g., cell capture. As a second example,
carbon-based fibrous scaffolds will be introduced. These are highly
attractive for applications that require conductive materials. In addi-
tion, they resemble the structural features of the natural extracellular
environment and can be equipped with bioactive particles. Hence, 3D
microstructured environments are promising candidates for instructing
cells to execute specific and coordinated functions.

CPP 60.5 Thu 16:15 HI10

Effect of drug treatment on the formation of malaria pig-

ment crystals — eSzivia Muczal, ANa STrINIC?, AGNES ORBAN',
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PETRA MOLNAR?®, PETER FUrJES?, BEATA VERTESsY G.3, and IsT-
vaN KEezsMarki''?2 — Department of Physics, Budapest University
of Technology and Economics — 2Experimental Physics V, Univer-
sity of Augsburg — 2Hungarian Academy of Sciences Research Centre
for Natural Sciences — “Institute of Technical Physics and Materials
Science, Centre for Energy Research, Hungarian Academy of Sciences

The malaria pigment crystals are a by-product of the metabolic process
of malaria parasites. These few-hundred-nanometer sized needle-like
crystals are unique indicators of the presence of infection. Our group
developed a magneto-optical device for malaria diagnosis, which can
precisely measure the concentration of the crystals produced by the
parasites. The increasing crystal concentration in time indicates the
growth of the parasites in a culture, thus, the device is also sufficient
for drug screening using parasite cultures. In the present study, we
found that the magneto-optical method is able to determine the size
distribution of the crystals in addition to their concentration. By fol-
lowing the size distribution of the crystals throughout the life cycle of
the parasites for drug-treated and untreated cultures we could specify
the stage when the drug action takes place. The same method can also
be used to reveal if the drug action is related to the blocking of crystal
formation or has a different pathway.

CPP 60.6 Thu 16:30 H10
Efficient hemozoin extraction from Plasmodium falciparum
parasites — e ANA STRINIC!, AcNES ORBAN?, Szivia Mucza?, PE-
TRA MoLNAR3, BEATA VERTEssY®, STEPHAN KRrouns!, and IsTvan
KrzsmARKI 2 — 1Experimental Physics V, University of Augsburg
— 2Department of Physics, Budapest University of Technology and
Economics — 3Hungarian Academy of Sciences Research Centre for
Natural Sciences

Hemozoin crystals are a natural biomarker of malaria infection. A
prototypical magneto-optical setup uses magnetic and optical prop-
erties of hemozoin for a rapid and cheap, yet sensitive detection of
malaria parasites within blood samples. As the parasites mature the
volume of the crystallites produced within their food vacuole contin-
uously increases. However, the age distribution of parasites within
human blood and cell cultures is not homogenous. Thus, unveiling the
relation between their age distribution and the size distribution of the
hemozoin crystals may facilitate the monitoring of stage-specific drug
actions and target oriented drug testing. Taking advantage of the high
sensitivity of the magneto-optical method not only to the crystal con-
centration but also to their size distribution, we aim to determine the
relation of size versus age distribution. This however strongly depends
on a successful hemozoin extraction from in vitro cultures. Here, I
show, how the crystal extraction process and sample preparation af-
fect the quality of the extracted crystals and the magnitude of the
magneto-optical signal. This allows determining the optimal proce-
dure and investigating reactions along the preparation, which reduce
the hemozoin concentration.

CPP 60.7 Thu 16:45 HI10
Results of field trials of the rotating-crystal magneto-optical
method for malaria detection eAGNEs ORBAN!, LEAN-
DRA ARNDT?, TAMARAH KOLEALA?, JETSUMON SATTABONGKOTS,
StEPHAN KARL2, and IsTvaNn KEzsmaRKi!'* — 1Dept. of Phys., Bu-
dapest Uni of Tech. and Econ., Hungary — 2Papua New Guinea Inst.
of Med. Res., Madang, PNG — 3Mahidol Vivax Res. Unit, Fac. of
Tropical Medicine, Mahidol Uni, Bangkok, Thailand — *Exp. Phys.
V, Center for Electronic Correlations and Magnetism, Uni. of Augs-
burg

Although malaria is still a global health burden, the current standard
for its detection still remains the microscopic observation of stained
blood smears. A novel cost-effective, automated, yet sensitive diag-
nostic method is needed for malaria detection both as an in-field in-
strument and as a laboratory tool.

Our group aims to design such a compact and inexpensive diag-
nostic device based on the detection of the magnetically induced lin-
ear dichroism exhibited by malaria pigment (aka. hemozoin). These
micrometer-size crystals are promising malaria-diagnostic targets as
they are unique indicators of the infection.

The rotating magnetic field employed in our system enables a very
high sensitivity detection of hemozoin as tested on suspensions of syn-
thetic crystals; on Plasmodium falciparum cultures, on mouse models
and on human samples from field trials performed in Thailand and
Papua New Guinea, the latter being the main focus of the talk.
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CPP 61: Perovskite and Hybrid Photovolatics Il (joint session HL/CPP)

Time: Thursday 15:00-17:30

CPP 61.1 Thu 15:00 H36
Valence band structure of CsPbBrs inorganic perovskite
— eJANEK RIEGER!, DanieL NiesNer!, Anpru Kanak?, PETRO
Focuuk?, IEVGEN LEVCHUK?®, CHRISTOPH BRABEC®, and THOMAS
FausTER! — 1Lehrstuhl fiir Festkorperphysik, University of Erlangen-
Niirnberg, Staudtstr. 7, D-91058 Erlangen, Germany — 2Department
of General Chemistry and Material Science, Yuriy Fedkovych Cher-
nivtsi National University, Kotsjubynskyi St. 2, Chernivtsi, 58012,
Ukraine — 3I-MEET, Department of Materials Science and Engineer-
ing, University of Erlangen-Niirnberg, Martensstr. 7, D-91058 Erlan-
gen, Germany

The impact of the organic ion on the electronic properties of lead halide
perovskites is matter of an ongoing debate. With angle-resolved pho-
toelectron spectroscopy we investigated the properties of the valence
bands of different perovskite single crystals cleaved in ultra-high vac-
uum. The talk focusses on recent results from the inorganic perovskite
CsPbBrs. Measurements were carried out in the temperature range
from 87K to 350K, covering all bulk phase transitions of the mate-
rial. The width of the valence band and the dispersion of the valence
band maximum are discussed. Results are compared to the valence
band structure of the organic-inorganic perovskite (HC(NHz)2)PbBr3
as well as to (CH3NH3)PbBr3, which was already investigated in de-
tail by our group [1].

[1] D. Niesner et al., Phys. Rev. Lett. 117, 126401 (2016).

CPP 61.2 Thu 15:15 H36
Charge Recombination Dynamics in Defect-Engineered Hy-
brid Organic-Inorganic Halide Perovskites eWEN-YU
CHENG, CHANG-MING JIANG, and AN SHARP — Walter Schottky In-
stitut and Physik Department, Technische Universitat Miinchen, 85748
Garching, Germany

Organic-inorganic halide perovskites, with their ease of fabrication and
bandgap-tunability, provide promising prospects in photovoltaic and
light-emitting diode applications. While such materials are highly tol-
erant of defects, the presence of ionic, along with electronic, charge
conduction can result in dynamic optoelectronic properties. In this
work, we aim at understanding the charge recombination pathways
in defect-engineered perovskites. Point defects are intentionally and
controllably introduced into the lattice of methylammonium lead io-
dide (MAPDI3), and a series of thin films with tunable bandgaps from
1.60 to 1.95 eV are fabricated. The concentrations and energetic posi-
tions of defects are quantified by photothermal deflection spectroscopy.
The effects of these defects on photoluminescence yield are studied by
steady-state and time-resolved fluorescence techniques. In addition to
shedding light on the interactions between organics cations and the
inorganic lattice, the results provide insights into the factors that un-
derlie defect tolerance in hybrid halide perovskite semiconductors.

CPP 61.3 Thu 15:30 H36
Reversible Bandgap Instabilities in Multiple-Cation Mixed-
Halide Perovskite Solar Cells — eFapian Rur!, PascaL RieTz!,
MeLreM F. AvcOULER2, PaBLo Docampo®, Heinz Karr!, and
Micuaer HerTericn'? — lInstitute of Applied Physics, Karl-
sruhe Institute of Technology (KIT), 76131 Karlsruhe, Germany —
2Department of Chemistry and CeNS, University of Munich (LMU),
81377 Miinchen, Germany — 3Physics Department, School of Electri-
cal and Electronic Engineering, Newcastle University, Newcastle upon
Tyne, NE1 7RU, United Kingdom — “*Light Technology Institute,
Karlsruhe Institute of Technology (KIT), 76131 Karlsruhe, Germany

Multiple-cation mixed-halide perovskites have demonstrated their
great potential as promising candidates for next-generation thin-
film photovoltaics due to further improved power-conversion effi-
ciency and stability. In this contribution, we investigate the sta-
bility of the compositional and resulting electronic structure of
Cs0.05(FAo0.83 MAg.17)0.95Pb(Io.83Bro.17)3 solar cell absorbers using
electroreflectance (ER) spectroscopy as sensitive and non-invasive mea-
surement technique. Despite the enhanced compositional stability,
these compounds show a decrease of the bandgap up to 70 meV un-
der AM1.5 illumination and applied voltage. We attribute this to
segregation of the intermixed perovskite into iodide-rich and bromide-
rich domains which is also confirmed by in-situ X-ray diffraction. A
detailed study under operation-relevant conditions (illumination and
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bias) is conducted in various environments (different oxygen contents
and relative humidity) to evaluate the consequences for photovoltaic
applications.

CPP 61.4 Thu 15:45 H36
Exciton Spin Dynamics and Their Dependence on Monova-
lent Cation Dipole Moment in Layered 2D Metal-Halide Per-
ovskites — eSEAN BOURELLE, RAVICHANDRAN SHIVANNA, and FELIX
DEscHLER — University of Cambridge

Strong spin-orbit coupling in metal-halide perovskites connects op-
tical transitions to spin states via the conservation of total angu-
lar momentum. These self-assembled quantum well structures of
high-performance, defect tolerant semiconductors are broadly tun-
able through chemical composition. Here, we use ultrafast circularly-
polarised broadband transient absorption spectroscopy to study the
effect of perovskite composition on the polarisation and dynamics of
exciton spin-states in two-dimensional (2D) Ruddlesden-Popper per-
ovskites. We spectrally resolve the dynamic circular dichroism from a
photoinduced polarisation in the secondary total angular momentum
quantum number. This dichroism is used to determine the impact
of the monovalent cation’s dipole moment on the exciton spin-state
depolarisation time.

CPP 61.5 Thu 16:00 H36
Vacuum-deposited Bismuth and 2D perovskites as absorber
material for solar cells — eMAaRTIN KrROLL — TU Dresden, IAPP,
Dresden Deutschland

Organic-inorganic halide perovskites are a fast developing absorber
material class for thin-film solar cells. The state of the art material
combinations with record efficiencies all contain methyl-ammonium
(MA) and lead as cations, which both display unfavorable proper-
ties. Cells with methyl-ammonium as organic cation all show rapid
degradation due to its instability under exposure to light and mois-
ture. Lead is known for its toxicity, which is bound to cause problems
during cell marketing and legislation. In order to circumvent these
issues, current research discusses less toxic material combinations like
MA /Cesium-Bismuth-Iodide as well as self-layering 2D perovskites for
better stability, which are formed by introducing large organic cations
like butyl-ammonium (BA). So far, these approaches have only been
shown using solution processing. We show the prospects of multi-
source vacuum evaporation, which excels at material purity and film
control. For MA /Cs3Bi2I9 as well as BA/MAPbDI3, we present XRD
and absorption data for thin-films as well as functional solar cells with
efficiencies of > 1% and > 10%, respectively.

15 min. break

CPP 61.6 Thu 16:30 H36
The missing long range order in point-dipole based hybrid
perovskite models — eMEeNNO BokpaM and JONATHAN LAHN-
STEINER — University of Vienna, Faculty of Physics and Center for
Computational Materials Sciences, Vienna, Austria

The crystal structure of hybrid perovskites forms an intricate electro-
static puzzle. Using density functional theory (DFT) calculations we
study the ordering of A={MA, Cs} cations in the APbls perovskite
framework. We show that previously proposed model Hamiltonians
do not capture the long range structural order observed in large scale
ab-intio molecular dynamics calculations. We attempt to improve on
these models by applying an Ewald summation to sum the dipole-
dipole interaction and by introducing a distance dependent screening
function, however with only limited success. We envision that well-
trained force fields would be able, and are likely necessary, to fully
describe the finite temperature behaviour of hybrid perovskites.

CPP 61.7 Thu 16:45 H36
Recent progress in the vapour deposition of organic-
inorganic hybrid metal-halide perovskite solar cells
eJULIANE Borcuert!, IEvGEN LEvcnuk?, Lavina C. SnoEek!,
Matnias ULLER RoTHMANN!, HENRY J. SNarTH!, LAURA M. HERZ!,
CurisTopPH J. BrRaBEC?, and MicHAEL B. JounsTon! — !Clarendon
Laboratory, Department of Physics, University of Oxford — 2Materials
for Electronics and Energy Technology (i-MEET), FAU Erlangen-
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Niirnberg, Erlangen, Germany

Hybrid metal-halide perovskite semiconductors are promising absorber
materials for single junction and as well as for tandem solar cells. They
have attracted a lot of research attention in recent years, due to the
rapid rise of solar cell efficiencies for these materials. Record efficien-
cies have now reached to above 23%. Co-evaporation of perovskite
thin-films for solar cells offers many advantages such as precise thick-
ness control, pinhole free planar films and compatibility with a large
range of different substrates. Efficient co-evaporated solar cells have
been demonstrated with different perovskite materials, for example
methylammonium lead iodide (MAPbI3) and formamidinium lead io-
dide (FAPbI3). Furthermore co-evaporation is a promising technique
for the upscaling of perovskite solar cells to commercial scales. Some
challenges remain, including problems with the process control and
relatively small crystallites in the deposited films. Additionally, it is
more challenging to achieve mixed compositions with co-evaporation
than with solution processing. Here we present recent progress made
towards solving these challenges.

CPP 61.8 Thu 17:00 H36
Growth Monitoring and Evolution of Optoelectronic Proper-
ties during the Formation of CH3NH3PbI3-xClx — eKLARA
Suchan!, Justus Just!, Eva L. Uncer!:?, José MARQUEZ
PrieT0?, and THomas Unorp? — Lund University, Paradisgatan 2,
22350 Lund, Sweden. — 2Helmholtz-Zentrum Berlin, Hahn-Meitner-
Platz 1, 14109 Berlin, Germany

We present a detailed investigation of the formation mechanism and
the evolution of optoelectronic properties during annealing of chlorine
derived methylammonium lead iodide (MAPIC). MAPIC layers are
prepared by a one-step solution based process. While solution based
processes do not need cost intensive vacuum technology and no high-
temperature annealing steps, little is known about the exact mecha-
nisms during synthesis. This prohibits identification and exact control
of all relevant variables, leading to widely reported poor reproducibil-
ity. Using in-situ optical reflection we are able to monitor the evolution

of the MAPIC phase as a function of time and processing temper-
ature. The extracted formation kinetics are fitted using an altered
Johnson-Mehl-Avrami-Kolmogorov model and show that the presence
of Chlorine induces a delayed formation of MAPIC. This is verified by
X-ray diffraction and X-ray fluorescence measurements. From absolute
photoluminescence measurements we determine the quasi-Fermi level
splitting during film formation. Correlating structural and electronic
properties, we will present a detailed view on the reaction route during
synthesis and specifically the influence of annealing conditions on the
process and its intermediate states

CPP 61.9 Thu 17:15 H36

The versatility of polyelemental perovskite compositions —
eMicHAEL SALIBA — University of Fribourg, Switerland

Perovskite solar cells (PSCs) have created much excitement in the past
years and attract spotlight attention from research groups all over the
world with many thousands of publications every year. This talk will
provide an overview on the reasons for this unique success story high-
lighting the historic development as well as the specific material prop-
erties that make perovskites so attractive for the research community.
The current challenges are exemplified using a high-performance
model systems for PSCs (multication Rb, Cs, methylammonium (MA),
formamidinium (FA) perovskites).(1,2) The triple cation (Cs, MA,
FA) achieves power conversion efficiencies (PCEs) close to 21% due
to suppressed phase impurities. This results in more robust materi-
als enabling breakthrough reproducibility. Through multication engi-
neering, the seemingly too small Rb can be integrated (unsuited as
a single-cation perovskite).(2) This results in a stabilized efficiency of
21.6%with one of the smallest differences between band gap and volt-
age ever measured for any PV material. Polymer-coated cells main-
tained 95% of their initial performance at elevated temperature for 500
hours under working conditions, a crucial step towards industrialisa-
tion of PSCs. The last part elaborates on a roadmap on how to extend
the multicatio to multicomponent engineering providing a series of new
compounds that are highly relevant candidates for the coming years.

CPP 62: Electrical, Dielectrical and Optical Properties of Thin Films

Time: Thursday 17:45-18:30

CPP 62.1 Thu 17:45 HS
Functional polymer thin films with tailored properties en-
abled by initiated chemical vapor deposition — STEFAN
SCHRODER, FROWIN ELLERMANN, MAXIMILIAN BURK, STEFAN RE-
HDERS, CENK AKTAS, THOMAS STRUNSKUS, and eFRANzZ FAUPEL —
Lehrstuhl fiir Materialverbunde, Technische Fakultit der Christian-
Albrechts-Universitat zu Kiel, Kaiserstr. 2, 24143 Kiel

Initiated chemical vapor deposition (iCVD) is a solvent-free, cost effi-
cient technique to synthesize highly conformal organic thin films from
the vapor phase. The polymer film properties can be precisely tuned by
the deposition parameters, which enables the synthesis of tailored thin
films in the ultrathin nanometer-range, as well as micrometer-range.
This enables a wide field of applications for iCVD thin films like surface
functionalisation, functional dielectrics and devices. We demonstrate
conformal teflon coatings of complex 3d geometries, preparation of su-
perior electret layers for application as sensors or for energy harvesting.
Further we demonstrate adhesion promotion and incorporation of azo
functionalities by use of different monomers within one iCVD process.

CPP 62.2 Thu 18:00 HS8
Wrinkle Motifs: Gateways toward Flexible Optical Devices —
eANIK KuMAR GHosH!, BERNHARD ALEXANDER GLATz!, SWAGATO
SARKAR!, SVEN WiEssNErR!, AmiT Das!, Tosias A. F. Konich?2,
and ANDREAS FERY!'2 — lLeibniz-Institut fiir Polymerforschung
Dresden e. V., Germany — 2Cluster of Excellence Center for Ad-
vancing Electronics Dresden (cfaed), Technische Universitit Dresden,
Germany

Wrinkled patterns are the result of mechanical instability induced by
a mechanical mismatch between two layers that is easy to handle,
reproducible and very robust. A well-known way to gain such struc-
tures represents the oxidation of a pre-strained polydimethylsiloxane
(PDMS) slab by plasma treatment [Microchimica Acta, 2009, 165, 249
and Soft Matter, 2015, 11, 3332]. It creates in situ a glassy layer
on top, while the consequent strain relaxation of the two-layer sys-
tem results in a mechanical buckling instability that forms permanent

123

Location: H8

wrinkles. In our setup, we move onward by fabricating blazed grating
structures via angle-dependent thin metal film deposition on top of the
PDMS wrinkles enabling them for enhanced light-matter interactions.
Furthermore, the aforementioned wrinkling technique provides an al-
ternative route towards large area fabrication of grating-waveguide res-
onant structures. These by the virtue of flexibility can find application
in opto-mechanics as well as deformed based resonance sensors follow-
ing guided mode resonance (GMR).

CPP 62.3 Thu 18:15 HS
Exciton binding energy of organic materials: ground-state vs.
excited-state charge-transfer complexes — eANDREAS OpiTz!,
PauL BEvER!, NorBeErT Kocu!2, and WoLrcaNg BRUTTINGS —
THumboldt-Universitit zu Berlin — 2Helmholtz-Zentrum Berlin fiir

Materialien und Energie GmbH — 3Universitit zu Berlin Augsburg

Organic semiconductors are materials with a high exciton binding en-
ergy (EBE), which significantly affects their electronic and optical
properties. The EBE is the difference between the electronic gap (ob-
tained by direct and inverse photoelectron spectroscopy) and the lowest
optical transition energy (determined from absorption spectroscopy).
In this contribution, the EBE is investigated for thin films of pristine
organic semiconductor as well as charge-transfer complexes.

The EBE of pristine diindenoperylene (DIP) is about 0.50€V.
DIP combined with fullerene as acceptor was studied for photo-
voltaic cells and the very weak absorbtion exhibits an EBE of ap-
prox. 0.07eV. A comparably low value was determined for the
weakly interacting ground-state CTC of DIP with a dicyanoperylene-
bis(dicarboxyimide) derivative (PDIR-CN2). The acceptor hexafluoro-
tetracyano-naphthoquinodimethane (F6TCNNQ) forms a strongly in-
teracting ground-state CTC with DIP and reveals an EBE of 0.79 eV.

The CTCs have to be distinguished by ground-state (GS) and
excited-state (ES) interaction, which we will relate to the determined
EBEs. The properties of the CTC excitons range here from CT to
Frenkel like and are strongly dependent on interaction scheme between
donor and acceptor.
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CPP 63: Annual General Meeting of the CPP Division (CPP Mitgliederversammlung)

Time: Thursday 18:45-19:45

Duration 60 min.

Location: H13

CPP 64: Active Matter Ill (joint session BP/CPP /DY)

Time: Friday 9:30-12:00

CPP 64.1 Fri 9:30 HI11
Dynamics of an active model microswimmer in an anisotropic
fluid — eABDALLAH DADDI-Moussa-IDER and ANDREAS M MENZEL
— Institut fiir Theoretische Physik II: Weiche Materie, Heinrich-Heine-
Universitat Diisseldorf, Diisseldorf

Several recent experiments investigate the orientational behavior of
self-propelled bacteria and colloidal particles in anisotropic fluids such
as nematic liquid crystals. Correspondingly, we study theoretically the
dynamics of a simple model microswimmer in a uniaxially anisotropic
fluid. The behavior of both puller- and pusher-type swimmers in the
anisotropic fluid is analyzed. Depending on the propulsion mecha-
nism as well as the relative magnitude of different involved viscosities,
we find alignment of the microswimmer parallel or perpendicular to
the anisotropy axis. The observed swimmer reorientation results from
the hydrodynamic coupling between the self-induced fluid flow and the
anisotropy of the host fluid. Our theoretical predictions are found to be
in qualitative agreement with recent experiments on swimming bacte-
ria in nematic liquid crystals. They support the objective of utilizing
the anisotropy of a surrounding fluid to guide individual swimmers
and self-propelled active particles along a requested path, enabling
controlled active transport.

Reference: A. Daddi-Moussa-Ider and A. M. Menzel. Dynamics of
a simple model microswimmer in an anisotropic fluid: Implications for
alignment behavior and active transport in a nematic liquid crystal,
Phys. Rev. Fluids 3, 094102 (2018).

CPP 64.2 Fri 9:45 HI1
Dynamics of bottom-heavy squirmers — eFrLIX RUEHLE and
HorLceER STARK — Institut fiir Theoretische Physik, Technische Uni-
versitat Berlin, Germany

The self-propulsion of biological or synthetic microswimmers is often
influenced by a gravitational field [1,2], where a density mismatch leads
to sedimentation and an offset center of mass triggers reorientation
along the direction of gravity so that they swim upwards [2]. Com-
bining these passive effects with the non-equilibrium properties of ac-
tive motion creates novel and interesting dynamics, both in dense and
dilute suspensions [3]. In particular, a large variety of dynamical be-
haviours has been observed for the squirmer microswimmer model [4,5].
In this contribution we focus on bottom-heavy squirmers and de-
termine their state diagram, depending on the gravitational force and
acting torque. For strong gravitational forces we observe conventional
sedimentation, whereas the density profile is inverted for weaker forces.
Additionally, we find stable convective plumes for neutral squirm-
ers that become metastable as the torque increases. We also ob-
serve spawning clusters at the bottom if the sedimentation velocity
almost equalizes the swimming speed. Spawning clusters and contin-
uous plumes do not occur for pusher and puller type swimmers.
[1] J. Palacci, et al., Phys. Rev. Lett. 105, 088304 (2010).
[2] K. Drescher et al., Phys. Rev. Lett. 102, 168101 (2009).
[3] K. Wolff, A. M. Hahn and H. Stark, EPJE 36, 1 (2013).
[4] J.-T. Kuhr et al., Soft Matter 13, 7548 (2017).
[5] F. Riihle et al., New J. Phys. 20, 025003 (2018).

CPP 64.3 Fri 10:00 H11
Bead-spring modelling of triangular
®SEBASTIAN ZIEGLER!, ALEXANDER SukHOvZ, JENS HARTING
and ANa-Suncana Smital4 — 'PULS Group, Institute for Theo-
retical Physics, Department of Physics, Friedrich-Alexander Univer-
sitit Erlangen-Niirnberg, Erlangen, Germany — 2Helmholtz Institute
Erlangen-Niirnberg for Renewable Energy, Germany — 3Dep. of Ap-
plied Physics, Eindhoven University of Technology, The Netherlands
— 4Division of Physical Chemistry, Ruder Bogkovi¢ Institute Zagreb,
Croatia

2,3
b

microswimmers

A customary approach to model mechanical micropropulsion is to pre-
scribe the swimming stroke. However, with this approach, the hydro-
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dynamic features of the motion are in essence smoothed over and the
problem becomes a purely geometrical one. The alternative approach,
yet significantly more demanding, is to impose not the stroke itself but
the forces driving the device. The swimming stroke then emerges as
a result of the various forces acting in the system. We use a pertur-
bative approach to examine a triangular swimmer’s behaviour in the
Stokes regime that is also eligible for general geometries of bead-spring
swimmers. The device shows a multifaceted comportment dependent
on a number of therefore identified effective parameters. The triangu-
lar swimmer is further used as a prototype to study the influence of
variations in the viscosity of the surrounding fluid on its motion.

CPP 64.4 Fri 10:15 HI11
Simple Swimmers Reverse Direction near a Surface —
eMicHAEL Kuron!, PuiLipp STArRk!, JoosT DE GRAAF?, and
CurisTIAN HorLm! — lInstitut fiir Computerphysik, Universitit
Stuttgart, Deutschland — 2Institute for Theoretical Physics, Univer-

siteit Utrecht, Nederland

The motion of a microswimmer can change substantially in the pres-
ence of a surface. Sperm are known to move in circular trajectories
near a wall, paramecia move in sinusoidal trajectories through a tube,
and chemical swimmers can orbit around spherical obstacles. Spheri-
cal squirmers are one of the simplest model microswimmers, commonly
defined by the first two Legendre modes of their surface slip velocity.
In this talk, we use the squirmer to numerically investigate the ef-
fect of the environmental geometry. We discuss how the transition
between scattering and orbiting/hovering depends on the strength of
the squirmer’s hydrodynamic dipole moment. Interestingly, we observe
cases where the squirmer orbits/hovers along a surface in a direction
opposite to that observed in bulk. This effect is present both in a far-
field theoretical model and our lattice Boltzmann calculations, which
accurately account for the near-field flow. These results extend the
understanding of the effect of geometry on microswimmer motion and
show the importance of finite swimmer size and associated near-field
effects.

CPP 64.5 Fri 10:30 H11

Bacterial Swarming Dynamics — eHanNaH JeEckeL!:2:3, Eric
JeLLib2, Rammo HARTMANN!, PRAVEEN SINGH!, RACHEL Moxk34,
JAaN FrReDERIK Totz®, Lucia Vipakovic!, BrRuNO ECKHARDTZ,
Jorn DuNKEL3, and KnuT DreEscHERD? — 'Max Planck Institute
for Terrestrial Microbiology, Marburg, Germany — 2Department of
Physics, Philipps-University Marburg, Germany — 3Department of
Mathematics, Massachusetts Institute of Technology, Cambridge, MA
— “Department of Mechanical Engineering, Massachusetts Institute
of Technology, Cambridge, MA — S5Institute for Theoretical Physics,
Technical University Berlin, Germany

Coordinated dynamics of individual components in active matter are
an essential aspect of life on all scales. Establishing a comprehensive,
causal connection between intracellular, intercellular, and macroscopic
behaviors has remained a major challenge due to limitations in data
acquisition and analysis techniques suitable for multiscale dynamics.
Here, we combine a high-throughput adaptive microscopy approach
with machine learning, to identify key biological and physical mecha-
nisms that determine distinct microscopic and macroscopic collective
behavior phases which develop as Bacillus subtilis swarms expand over
five orders of magnitude in space. Our experiments, continuum mod-
eling, and particle-based simulations reveal that macroscopic swarm
expansion is primarily driven by cellular growth kinetics, whereas the
microscopic swarming motility phases are dominated by physical cell-
cell interactions. These results provide a unified understanding of bac-
terial multi-scale behavioral complexity in swarms.

CPP 64.6 Fri 10:45 HI11

Effects of collective bacterial motility on their chemotactic
navigation — eREMY CoLIN and VICTOR SOURJIK — Max Planck
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Institute for Terrestrial Microbiology, Marburg, Germany

At high cell density, swimming bacteria exhibit collective motility pat-
terns, self-organized through physical interactions of a however still de-
bated nature. Although high-density behaviors are frequent in natural
situations, it remains unknown how collective motion affects chemo-
taxis, the main physiological function of motility that enables bacteria
to follow chemical and other gradients in their environment. Here,
we systematically investigated this question in the model organism
Escherichia coli, varying cell density, cell length and suspension con-
finement. The characteristics of the collective motion indicated that its
emergence is dominated by hydrodynamic interactions between swim-
mers. We observed that moderate increase in cell density enhanced
the chemotactic drift of bacteria, whereas it was suppressed at higher
densities, because the collective motion disturbed the choreography
necessary for chemotactic sensing. We suggest that this physical hin-
drance imposes a fundamental constraint on high-density behaviors of
motile bacteria, including swarming as well as the formation of multi-
cellular aggregates and biofilms.

CPP 64.7 Fri 11:00 H11
Feedback Control of Active Microswimmers — e ALEXANDER
FiscHErR!, Haw Yanc2, and Frank Cicros! — Uni Leipzig —
2Princeton University

Collective motion created by the interaction of autonomous individu-
als plays a major role in flocks of birds, bacterial growth or the motion
of robotic swarms. Sensing and reacting to signals is a fundamental
issue of life. Microswimmers, which are artificial objects that mimic
the active motion of biological systems, do not have such sensing and
response features built in yet, but may gain them through an exter-
nal control of their propulsion. Here we explore an information ex-
change between artificial microswimmers by computer-controlled feed-
back processes. We have created a setup where multiple active mi-
croswimmers can react to their position in space or their distance to
other microswimmers. We investigate the influence of different inter-
action potentials or a delay in the information exchange. Our results
demonstrate so far that particles can be coupled to each other by the
used feedback by designed virtual potentials. The collective motion of
such coupled particles reveals oscillating modes with emergent features
like spontaneous rotation. The experiments shall help to understand
the emergence of complex behavior in biological systems.

CPP 64.8 Fri 11:15 HI11
Out-of-plane beating components of active axonemes iso-
lated from Chlamydomonas reinhardtii — Azam GuorLamil,
eSoHEIL MoJiri2, EBERHARD BopenscHATZ!, and JORG ENDERLEINZ
— IMax-Planck Instiute for Dynamics and Self-Organization, G&ttin-

gen, Germany — 2Georg-August Universitit, Géttingen, Germany

Cilia and flagella are ubiquitous in the living world. They are essential
for micro-scale driven transport of fluids or cells by cilia/flagellar beat-
ing. Their slender bodies are composed of a microtubule/molecular
motor structure that when taken independently are called an axoneme.
Axonemes move by bending waves that emerge from the interplay be-
tween internal stresses generated by dynein motor proteins . Here
we use the novel multi-plane phase contrast imaging technique to
record the three dimensional beating pattern of isolated axonemes from

Chlamydomonas reinhardtii that beat in the vicinity of a substrate. We
measure the torsion of the axoneme along the contour length with high
spatiotemporal resolution. High precision information on out-of-plane
beating component of axonemes allows us to check the validity of the
resistive-force theory.

CPP 64.9 Fri 11:30 HI11
Nanoscale chemotaxis of enzymes and small molecules —
eJAME Acupo-CaNaLEION2) TUNRAYO ADELEKE-LARODO!, PIERRE
ILLien®, and RamiN GoLestanian®! — 1University of Oxford, Ox-
ford, UK — 2Penn State University, State College, USA — 3ESPCI
Paris, Paris, France — *Max Planck Institute for Dynamics and Self-
Organization, Gottingen, Germany

We present a microscopic theory for the observed chemotaxis of en-
zymes and other small molecules. [1,2] We find that two distinct
mechanisms contribute to enzyme chemotaxis: a diffusiophoretic mech-
anism due to non-specific interactions, and a new type of mechanism
due to binding-induced changes in the diffusion coefficient of the en-
zyme. For a typical enzyme, the two mechanisms compete against
each other, one dominating at high substrate concentration, the other
at low concentration. The competition between the two mechanisms
may be used to engineer nanovehicles that move towards or away from
regions with a specific substrate concentration. Finally, we include the
effects of anisotropy and flexibility of the enzyme, [3] and show that
enzymes can be aligned by gradients, and shape fluctuations lead to
corrections in the diffusion and chemotactic mobility of enzymes. [1]
Agudo-Canalejo, J., Adeleke-Larodo, T., Illien, P., & Golestanian, R.
(2018) Acc. Chem. Res. 51, 2365 [2] Agudo-Canalejo, J., Illien, P.,
& Golestanian, R. (2018) Nano Lett. 18, 2711 [3] Adeleke-Larodo,
Agudo-Canalejo, J., & Golestanian, R. (2018) arXiv:1811.09631

CPP 64.10 Fri 11:45 HI11
High-motility visible light-driven Ag/AgCl Janus mi-
croswimmers interacting with passive beads — exu wanc!,
LARYSA BARABAN?, VYACHESLAV R MISKO># FRANCO NORI*®, PE-
TRE FORMANEK®, TAO HUANG?, GIANAURELIO CUNIBERTI?, JURGEN
FASSBENDER!, and DENYS MAKAROV! — !Helmholtz-Zentrum Dresden-
Rossendorfe.V., Institute of Ion Beam Physics and Materials Re-
search, 01328 Dresden, Germany — 2Technische Universitit Dresden,
01062 Dresden, Germany — 3Universiteit Antwerpen, B-2610 Antwer-
pen, Belgium — 4RIKEN Cluster for Pioneering Research, 351-0198
Saitama, Japan — S5University of Michigan, 48109-1040 Michigan,
USA — SLeibniz-Institut fiir Polymerforschung Dresden e.V., 01069
Dresden, Germany

Visible light driven nano/micro swimmers typically show mean squared
displacement (MSD) values in the range of up to 200 um? (over 10
s) under favorable UV light illumination.[1] Here, we demonstrate
Ag/AgCl-based spherical Janus micromotors that reveal an efficient
propulsion with a MSD to 3000 um? (over 10 s) in pure HO under
visible blue light illumination (A = 450-490 nm).[2] Furthermore, we
show the micromotors reveal efficient exclusion effect to their surround-
ing passive polystyrene beads in pure HoO experimentally and using
numerical simulations of the Langevin equations.[3]

1. Simmchen, J., et al., ChemNanoMat 2017, 3, 65.

2. Wang, X., et al., Small DOI: 10.1002/smll.201803613.

3. Wang, X., et al., Small 2018, 14, 1802537 (Frontispiece paper)

CPP 65: Two-dimensional Materials IV (joint session HL/CPP)

Time: Friday 9:30-13:00

CPP 65.1 Fri 9:30 H36
Optical Valleytronic Properties of CVD-grown Tungsten
Disulfide AA’ and AB Bilayers — eLORENZ MAXIMILIAN
ScHNEIDER!, JaAN KUHNERT!, StMoN ScumITT!, ULRIcH HUTTNER?,
Lars MEckBacH!, TINEKE STROUKEN!, STEPAN W. Kocu!, WoL-
FrRAM HEIMBRODT!, SHICHEN Fu2, X1aoTiaN Wanc2, Kyune Nam
Kanc?, and ArasH Ranivi-IMan® — 1 Faculty of Physics and Materi-
als Sciences Center, Philipps-Universitdt Marburg, D-35032 Marburg,
Germany — 2Department of Mechanical Engineering, Stevens Insti-
tute of Technology, Hoboken, New Jersey, 07030, USA

Two-dimensional semiconductors such as transition-metal dichalco-

genides have attracted considerable attention due to their strong light-
matter interaction as well as ”valleytronic” properties. The valley-
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dependent polarization properties are of potential interest for future
devices and, both, homojunctions as well as heterostructures of mono-
layer materials promise considerable valley-polarization degrees and
valley coherence.

In this work, chemical-vapour-deposition-grown AA’ and AB stacked
tungsten-disulfide bilayers are investigated. The differences between
AA’ and AB stacked bilayers are characterized optically and attributed
to the distinct interlayer coupling between k-space valleys. Our spec-
troscopic investigations are supported by calculations focusing on the
difference in symmetry and interlayer electronic coupling for these bi-
layers. A comparably high valley polarization and valley coherence is
found for the AB stacked case in contrast to the AA’ case, which is in
good agreement with the expectations.
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CPP 65.2 Fri 9:45 H36

Exciton-lattice coupling in monolayer WSe2 investigated by
femtosecond electron diffraction — eSnuo Donc!, DaNiELA

ZAuN', ROBERT ScHNEIDER?, THOMAS VASILEIADIS', HELENE
SeiLER!, YingPeEnGg Qi', RupoLr Brarscurtscu?, and RALPH
ERNSTORFER! — lFritz-Haber-Institut der Max-Planck-Gesellschaft,

Faradayweg 4-6, 14195 Berlin, Germany — 2Institute of Physics and
Center for Nanotechnology, University of Miinster, Wilhelm-Klemm-
Strafie 10, 48149 Miinster, Germany

Exciton-phonon coupling as the essential exciton relaxation mecha-
nism plays a crucial role in transition metal dichalcogenides (TMDC).
Besides the bright exciton dynamics, the formation of dark exci-
tons greatly impacts the optoelectronic properties of atomically thin
TMDC, which requires spin flip-scattering or phonon-assisted momen-
tum transfer. Here, we investigate the incoherent lattice excitation
associated with exciton relaxation in monolayer WSe2 by femtosec-
ond electron diffraction. We discuss the observed structural dynamics
in terms of the intra- and inter-valley exciton scattering towards the
lower-lying dark states. The direct measurement of lattice motion pro-
vides important complementary insights to exciton dynamics.

CPP 65.3 Fri 10:00 H36
Towards an Atomistic Understanding of Defects in 2D Ma-
terials Correlating Defects, Band Structure and Exci-
tons — eCHRisTopH KasTL!, RorLanp Kocu!, Curis CHEN!,
BruNo ScHULER!, JoHANNA EicuHORN!, SOREN ULSTRUP?, AARON
Bostwick!, CHRis Jozwiak!, NicHorLas Borys®, FRANCESCA
Tomal, SuaurL Avroni', ALEXANDER WEBER-BarcIoni!, ELI
RoTeENBERG!, and ADAM SCHWARTZBERG' — ! Lawrence Berkeley Na-
tional Laboratory, Berkeley, United States — ?Aarhus University, Den-

mark — 3Montana State University, Bozeman, United States

Despite their importance, a detailed understanding of defects in 2D
materials and their impact on excitonic and electronic properties is
lacking. We use spatially resolved, angle resolved photoemission spec-
troscopy (nano-ARPES) to map the variations in band structure and
defect density of monolayer WS> down to a resolution of 150 nm. [1]
By correlating nano-ARPES with photoluminescence, we reveal the in-
terplay between local defect density, band structure, and excitons. We
compare this to atomic force and scanning tunneling microscopy, where
we unambiguously identify defects at the atomic level. Surprisingly,
the chalcogen vacancy is not present in as-grown monolayers, although
it is commonly inferred to be the dominant point defect.[2] Instead, we
find that substitutional oxygen effectively passivates chalcogen vacan-
cies, which removes the electronic in-gap state and renders correct
assignment of the defect challenging.

[1] C. Kastl et al., 2D Mater. 5, 045010, 2018. [2]| arXiv:1810.02896,
arXiv:1810.03364.

CPP 65.4 Fri 10:15 H36
Magnetic Anisotropic Behavior in Two-Dimensional Layered
CryGesTeg Crystals — oSEBASTIAN SELTERD'2, GABL BASTIEN!,
Anja U. B. Worrer!, SaicHARAN AswarTHAM!, and BERND
BocHNERD2 — MIFW Dresden, Dresden, Germany — 2TU Dresden,

Dresden, Germany

CraGegTeg is one of the few known examples of two-dimensional lay-
ered ferromagnetic insulators. Ferromagnetic order was observed down
to the bilayer, while theoretical calculations even suggest stable ferro-
magnetic order on the monolayer. This finding makes this compound
interesting in terms of both fundamental understanding as well as for
novel spintronic applications.

Thus, to entangle the physics behind possible monolayer ferromag-
netism it is essential to understand the bulk magnetism which will en-
able us for the future applications. Here, we present a comprehensive
synthesis, magnetic and thermodynamic investigation on CraGeaTeg.
Bulk CraGezTeg becomes ferromagnetic below 64 K with the magnetic
easy axis parallel to the crystallographic c-axis. A magnetic anomaly
has been observed for low external fields applied perpendicular to the
easy axis. An investigation of the field dependency of this anomaly
hints towards a field driven nature.

CPP 65.5 Fri 10:30 H36
Nanoscale Mapping of Charge Transfer at SnS/MoS; 2D-
2D p-n Junctions Created via Low-Temperature Epitaxy —
eArLEx HenniNg!2, Jack N. Orping3, MicuaeL J. Moopy!,
Jason Donc!, EmMiLy A. Weiss3, and LincoLn J. Launon! —
IDepartment of Materials Science and Engineering, Northwestern Uni-

versity, USA — 2Walter Schottky Institute and Physics Department,
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Technische Universitit Miinchen — 3Department of Chemistry, North-
western University, USA

Many novel two-dimensional (2D) van der Waals (vdW) heterostruc-
tures with intriguing properties for optical and electronic applications
have been created by mechanical exfoliation and stacking. The ability
to directly grow vdW heterostructures over large areas would create
new opportunities for large-scale integration. Here, p-type tin sul-
fide (SnS) is grown on n-type molybdenum disulfide (MoS2) in an
atomic layer deposition (ALD) reactor at low temperatures (180 °C)
to form vertical p-n 2D-2D heterojunctions (HJs). X-ray diffraction
and electron backscatter diffraction establish an axiotaxial relation-
ship between the two crystals. Kelvin probe force microscopy (KPFM)
combined with a tunable illumination source is used to characterize the
topography, potential landscape and photoresponse of the MoS2/SnS
HJs with a lateral resolution < 50 nm. The gained structural and elec-
tronic properties were used to optimize the parameters for the growth
of electronically active SnS of controlled thickness. The built-in po-
tential difference of 0.9 €V, measured between MoSs and SnS, is sig-
nificantly larger than those previously reported for 2D HJs.

CPP 65.6 Fri 10:45 H36
Controlling band alignment at heterointerfaces using atom-
ically thin Janus structures with built-in dipoles — eSiMONE
ManNTi — Technical University of Denmark, Kongens Lyngby, Den-
mark

Recently Janus MoSSe monolayers have been synthesized by replac-
ing S by Se on one side of MoS2. This material is an example of an
atomically thin Janus structure, in which the inversion symmetry in
the plane is broken leading to a finite out of plane dipole moment.
Here we demonstrate that by inserting a MoSSe layer between two
semiconductors, or between a semiconductor and a metal, it is possi-
ble to control the band alignment, or Schottky barrier, at the interface
in a highly predictable manner. Using high-throughput density func-
tional theory (DFT) calculations we screen for new, stable 2D Janus
structures. This leads to a library of potentially synthesizable 2D ma-
terials with out-of-plane dipoles of varying strength corresponding to
potential shifts between 0 and 2 eV. Our work opens new directions
for rational design of band alignment at heterointerfaces.

15 min. break

CPP 65.7 Fri 11:15 H36
Theory of electron-exciton scattering in atomically thin
semiconductors — CurisTiaAN FEy!, PETER ScHMELCHER!, ATAC
ImamoGLU?, and eRicHARD ScHMIDT3 — Universitit Hamburg, Ger-
many — 2ETH Ziirich, Switzerland — 3MPI of Quantum Optics,
Garching, Germany

Excitons interacting with charge carriers in van-der-Waals materials
represent a new venue to study the many-body physics of strongly
interacting Bose-Fermi mixtures. In order to derive an effective low-
energy model for such systems we develop an exact diagonalization ap-
proach that predicts the bound and scattering properties of electron,
excitons, and trions in two-dimensional semiconductors. By solving the
quantum mechanical three-body problem of interacting charge carriers
we obtain binding energies of excitons and trions that are in excellent
agreement with quantum Monte Carlo predictions. Importantly, in our
approach also excited states are accessible. This allows us to study ex-
otic excited trion states as well as to predict the scattering phase shifts
of electrons and excitons. From these results we derive an effective low-
energy model of exciton-electron scattering that can serve as an input
to advanced many-body techniques. As a demonstration we study the
recently observed exciton Fermi polarons, and we show that effective
range corrections predicted by our model have a substantial impact
on the optical absorption spectrum of charge-doped transition-metal
dichalcogenides. Our approach can be applied to a plethora of many-
body phenomena realizable in atomically thin semiconductors ranging
from exciton lattices and localization to induced superconductivity.

CPP 65.8 Fri 11:30 H36
Computational characterization of novel 2d-materials for
applications in energy and electronics — eDavipe Cawmpil,
TuiBauLT SoHIER!', CEDRIC KLINKERTZ, SIMRAN KuMARI', MARCO
GiBERTINI', NicoLas MouNeT!, MaTHIEU Luisier?, and Nicora
Marzari! — 1Ecole polytechnique fédérale de Lausanne, Lausanne,

Switzerland — 2ETH Zurich, Zurich, Switzerland

Novel materials are crucial to future progress in information-and-
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communications technologies (ICT) and in energy harvesting, conver-
sion, and storage. 2D materials provide an entire novel playground to
discover novel properties and functionalities. The recent identification
of many novel monolayers [1] has made available a large portfolio of ma-
terials to be explored. In this work we present an applications-oriented
screenings aimed at the identification of the most promising candidates
for photocatalytic water splitting, field-effect transistor channels and
superconductivity.

CPP 65.9 Fri 11:45 H36
Magnetic hallmarks of viscous electron flow in graphene
eKARINA A. GUERRERO-BECERRA!, FRANCEsco M. D.
PELLEGRINO?3, and Marco Porint!4 — lstituto Italiano di Tec-
nologia, Via Morego 30, 16163 Genova, Italy — 2Dipartimento di
Fisica e Astronomia, Universita di Catania, Via S. Sofia, 64, 1-95123
Catania, Italy — 3INFN, Sez. Catania, 1-95123 Catania, Italy —
4School of Physics & Astronomy, University of Manchester, Oxford
Road, Manchester M13 9PL, United Kingdom

Electrical transport, thermal transport, and scanning gate spec-
troscopy measurements have been used to identify signatures of vis-
cous electron flow in graphene, PACo0O2, and GaAs. In this regime of
transport, viscosity determines electron whirlpools in the steady-state
current pattern. So far, a direct experimental observation of electron
whirlpools and associated backflow is still lacking. We predict that
the profile of the magnetic field generated by hydrodynamic electron
flow in confined geometries displays unambiguous features linked to
whirlpools and backflow near current injectors. We also show that
the same profiles shed light on the nature of the boundary conditions
describing friction exerted on the electron fluid by the edges of the sam-
ple. Our predictions are within reach of vector magnetometry based
on nitrogen-vacancy centers in diamond, a technique that access the
details of 2D spatial flow patterns in graphene [1] and combines the
benefits of high spatial resolution, competitive magnetic field resolu-
tion, and operability over a wide range of temperatures.
[1] J.-P. Tetienne et. al., Sci. Adv. 3, €1602429 (2017).

CPP 65.10 Fri 12:00 H36
Strain-induced localization of interlayer excitons in a van-der-
Waals heterostructure — MALTE KREMSER, eMORITZ MEYER, JA-
NINE GUCKELHORN, KAl MULLER, and JONATHAN FINLEY — Wal-
ter Schottky Institut, Technische Universitdt Miinchen, Miinchen,
Deutschland

The intricate potential landscape of interlayer excitons (IX) in heter-
obilayers (HBLs) of transition metal dichalcogenides is currently un-
dergoing intense study. [1, 2] We show that strain can be utilized to
locally modify the IX potential resulting in locally trapped states, sim-
ilar to the strain-related emergence of quantum emitters in monolayer
WSe2. [3, 4]

We locally strain a HBL composed of MoSe2 and WSe2 by placing
it on top of lithographically defined nanopillars. The strain at the
nanopillar positions creates localized states that appear as new peaks
in low-temperature photoluminescence (PL) measurements, red-shifted
by 750-100 meV with respect to the IX main emission. We show that in
excitation-power-dependent measurements the emission features a se-
ries of discrete peaks that suggests sequential charging of the trapping
potential with multiple IXs.

[1] K. Tran et al., arXiv 1807.03771

[2] K. L. Seyler et al., arXiv 1809.04562

[3] A. Branny et al., Nat. Commun. 8, 15053 (2017)

[4] C. Palacios-Berraquero et al., Nat. Commun. 8, 15093 (2017)

CPP 65.11 Fri 12:15 H36
Extreme Ultraviolet Core-Exciton Dynamics in Two-
dimensional Molybdenum Disulfide — eMicHAEL ZitRrcu!"S,
Hung-Tzu CHANG!, ALEXANDER GuccENMOs!, Diana Y. Qru2:3,
RoMAIN GENEAUX!, YEN-CHANG CHEN®S, Xuan WEIP, CHANG-
Mine Jiana®7, Yurene Liance?, FeLipe H pa  JoRNADAZS,
ApAM SCHWARTZBERG?, DaviD PRENDERGAST?, VINCENT C. TUNG?,
STEVEN G. Louie?3, DanieL M. NeuMark!"S®, and StepHEN R.
Leone!2:6 — 1Department of Chemistry, University of California,
Berkeley, USA — 2Department of Physics, University of California,
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Berkeley, USA — 3Materials Sciences Division, Lawrence Berkeley Na-
tional Laboratory, Berkeley, USA — “Molecular Foundry, Lawrence
Berkeley National Laboratory, Berkeley, USA — 5School of Engineer-
ing, University of California, Merced, USA — %Chemical Sciences Divi-
sion, Lawrence Berkeley National Laboratory, Berkeley, USA — 7 Joint
Center of Artificial Photosynthesis, LBNL, Berkeley, USA — 8Fritz
Haber Institute of the Max Planck Society, Berlin, Germany

Novel tightly-bound core-excitons triggered by an XUV attosecond
pulse are observed in two-dimensional transition-metal dichalcogenide
molybdenum disulfide. State-of-the-art theory calculations confirm
the observed features. The dynamics observed in the core-exciton
states between the molybdenum 4p and 4d states indicate coherences,
and population transfer between different states. The observation of
strongly enhanced long-lived core excitons in two-dimensional semi-
conductors paves the way for further exploration into the properties of
core excitons in two-dimensional materials and potential application
of these.

CPP 65.12 Fri 12:30 H36
One-Nanometer-Thin Carbon Nanomembranes: Combining
High Water Permeance with High Selectivity — eYaNG YaNg,
PeETrR DEMENTYEV, NikLAs BIERE, DANIEL EMMRICH, PATRICK
SToHMANN, Riko KoRzETz, XIANGHUI ZHANG, ANDRE BEYER,
SascHa KocH, DARIO ANSELMETTI, and ARMIN GOLZHAUSER — Fac-
ulty of Physics, Bielefeld University, 33615 Bielefeld, Germany

Membrane-based separation provides an energy-efficient technology in
producing clean water. Recent nanotechnology breakthroughs have
led to the emergence of 2D membranes which promise minimal trans-
port resistance and thus exceedingly high molecular flow rates. Car-
bon nanomembranes (CNMs) are a special class of 2D materials made
by crosslinking of self-assembled monolayers. In this work, we will
present the rapid and selective water permeation through a 1.2-nm
thin CNM fabricated from terphenylthiol (TPT) precursors [1]. TPT
CNDMs consist of sub-nanometer channels with a high areal density of
1018 m—2. The membrane can block the passage of most gases and
liquids, while permitting water and helium to pass through. In partic-
ular, water transits with a remarkably high permeance of 1.1 x 10—%
mol m~2s~ 1 Pa~!, 2,500 times faster than helium. The rapid water
flow is ascribed to a hydrogen-bonded cooperative transport inside the
CNM channels.

Reference

[1] Y. Yang, etal. Rapid Water Permeation Through Carbon
Nanomembranes with Sub-Nanometer Channels. ACS Nano 2018, 12,
4695-4701.

CPP 65.13 Fri 12:45 H36
Photoactive molecular nanosheets with 1 nm thickness
— eMaria KOLLMER!, FELIX HERRMANN-WESTENDORFD3, STE-
FAN GoTz2, CHRIsTOF NEUMANN!, PATRICK ENDRES?, ANDREAS
WinTER?, ULRIcH SIGMAR ScHUBERT?#, BENJAMIN DieTzEK!3:4,
and ANDREY TuUrcHANIND? — lInstitute of Physical Chemistry,
Friedrich Schiller University Jena, 07743 Jena — 2Institute of Organic
Chemistry and Makromolecular Chemistry (IOMC), Friedrich Schiller
University Jena, 07743 Jena — 3Leibniz Institute of Photonic Tech-
nology e. V., 07745 Jena — *Center for Energy and Environmental
Chemistry Jena (CEEC Jena), 07743 Jena

Artificial photocatalytic systems play an important role in the devel-
opment of novel energy sources. Functional incorporation of molecu-
lar catalysts into two-dimensional (2D) soft matter matrixes is a pre-
requisite towards the realization of the artificial leaf systems. Here
we present 1 nm thick photoactive molecular nanosheets - Carbon
Nanomembranes (CNMs) - generated by electron irradiation induced
crosslinking of self-assembled photocatalytic ruthenium-(II)-complexes
on gold substrates. We characterize the chemical and structural prop-
erties of these molecular 2D systems using high-resolution X-ray pho-
toelectron and surface enhanced Raman spectroscopy in combination
with atomic force and scanning electron microscopy. We employ pho-
tothermal deflection spectroscopy to characterize the adsorption band
of the formed free-standing photoactive CNMs and to compare it with
the characteristics of the pristine ruthenium-(II)-complexes
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CPP 66: Organic Electronics and Photovoltaics V - Semiconducting Properties and Devices

Time: Friday 9:45-12:00

Invited Talk CPP 66.1 Fri 9:45 HI18
Coupled Organic-Inorganic Nanostructures for Optical
Switches — eMaRrcUs ScHEELE — Universitdt Tiibingen, Tiibingen,
Deutschland

Optical switches are key components for data processing on the basis
of silicon photonics, in which they perform the crucial conversion of a
photonic information from an optical fiber into an electric information
for a silicon-based processing unit. The status of the switch is con-
trolled by an external light source, emitting at a wavelength suitable
to be absorbed by the conductive channel to photo-induce additional
charge carriers and modulate the current output of the switch in close
analogy to a classic transistor. This presentation details how hybrid
superlattices of semiconducting nanocrystals and organic pi-systems
with long-range order are applied as active layers in functional optical
switches. The particular novelty for optical switching is an activated
absorption mechanism, in which stimulation with one optical signal
sensitizes the material towards an amplified recognition of a second
optical stimulus. Several examples with different material combina-
tions are presented and the importance of exciton formation as well as
charge transfer across the inorganic-organic interface is discussed.

CPP 66.2 Fri 10:15 HI18
Comparative Study of Semiconductivity in Metal-Organic
Frameworks — e CHRISTOPH M USCHIELOK and HARALD OBERHOFER
— Technische Universitdat Miinchen, Germany

Metal-Organic Frameworks (MOFs) are artificial, self-assembled net-
works of metal centers connected by organic linker molecules. Of-
ten they exhibit large pores, into which small molecules may be ab-
sorbed. While many potential applications for semiconductive MOFs
in e. g. sensors or electrocatalysis are imaginable, only very few ex-
amples of non-insulating MOFs have been found to date. Theoretical
studies indeed suggest, that pure MOF bulk crystals have insufficient
intrinsic charge carrier density to show finite conductivity. It is gener-
ally suggested that this drawback is overcome by defects in the crystal
structure for the few known conductive MOFs. However, the intrin-
sic carrier density is only one factor governing electrical conductivity,
with the other major contribution being the charge carrier’s mobility.
This, we study in bulk MOF crystals using a band transport model
and thereby establish an upper limit estimate for the mobility. We
outline the factors limiting the mobility exemplarily for M(ta)2 MOFs
where M stands for different transition metal centers. These share the
same crystal structures but vary strongly in their carrier mobilities,
hinting at first design criteria for future semiconducting MOFs.

CPP 66.3 Fri 10:30 HI18
Electrostatically designed metal-organic frameworks based p-
i-n junctions — eGruLia NasciMBENI', CHRISTOF W6LLZ, and Ec-
BERT ZoJER! — !Institute of Solid State Physics, Graz University of
Technology, Austria — 2Institute of Functional Interfaces, Karlsruhe
Institute of Technology, Germany

Metal-organic frameworks (MOFs) are highly crystalline porous mate-
rials consisting of metal ions or clusters coordinated mostly by oxygen
or nitrogen atoms and connected by organic linkers. The nearly unre-
stricted choice of linkers and metal nodes leads to a variety of different
materials, whose properties can be tuned simply by changing their
chemistry. Recently new possible applications of MOFs in electronics
and photonics [1, 2] have been suggested based on engineering their
electronic band structures (3, 4]. In the spirit of this band structure
engineering, in this contribution we present an innovative approach
based on the layer-by-layer assembly of surface-anchored MOFs (SUR-
MOFs) [5], which allows to integrate electric fields into molecular thin
films, thus mimicking the electronic structure of p-i-n junction present
in solar cells. We use band structure calculations to show how this can
be achieved via the controlled manipulation of the potential energy
landscape in MOFs through the regular assembly of dipolar molecules.
[1] Sun et al., Angew. Chem. Int. Ed., 2016, 55, 3566. [2] Neumann
et al., ACS Nano, 2016, 10 (7), 7085. [3] Pham et al., J. Phys. Chem.
C, 2014, 118, 4567. [4] Park et al., J. Am. Chem. Soc., 2015, 137,
1774. |5] Liu et al., Chem. Soc. Rev., 2017, 46, 5730.

CPP 66.4 Fri 10:45 HI18
High-Speed and High-Current Vertical Organic Transistors
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Location: H18

— oFELIX DoLLiNgER!, HENNING ISEKE!, KyUNG-GEUN Lim?, AXEL
FiscHER!, PETR ForMANEK?, HANs KLEEMANN', and KARL LeEo! —
IDresden Integrated Center for Applied Physics and Photonic Mate-
rials (IAPP), Dresden, Germany — 2Korea Research Institution for
Standard Science (KRISS), Daejeon, Korea — 3Leibniz-Institut fiir
Polymerforschung Dresden e. V. (IPF), Dresden, Germany

Organic thin-film transistors enable light-weight, inexpensive and flex-
ible electronic applications. The Organic Permeable Base Transistor
(OPBT) is a vertical transistor design that allows for very high current
densities, and hence the fastest operating speed of all organic transis-
tors with transit frequency reaching 40 MHz [Kheradmand-Boroujeni
et al., 2018].

We will explain the operating mechanism for OPBTs and give in-
sights into optimizations of the base oxide layers and investigations on
the stability of the device.

The modulation of current in an OPBT is achieved by a metallic
base electrode that is located in the center of the vertical stack. In
the on-state, this thin aluminum electrode is permeable for electrons.
It is passivated by a native oxide layer to prevent leakage current. We
have been able to significantly improve the oxide layer and reduce par-
asitic leakage currents. Electrical stress measurements on OPBTs help
to understand the suitability of these transistors for long-time real-
life applications. Illustrative TEM images will be shown to clarify the
device’s structure and function.

15 min. break

CPP 66.5 Fri11:15 HI18
Determination of the Equilibrium Charge Distribution by
Impedance Spectroscopy of P-Doped Organic Semiconduc-
tors — eVicToriA Wissporr1 2, MARKUS FRERICKS?3, CHRISTOF
PrLumMm!, WoLFRAM JAEGERMANNZ3, and ErRic MANKEL?3 —
IMerck KGaA, Darmstadt — 2Technische Universitit Darmstadt,
Darmstadt — 3InnovationLab, Heidelberg

Impedance spectroscopy is a powerful tool to investigate the intrinsic
properties of organic semiconductors. One possibility is, to link ca-
pacitance voltage measurements at zero bias voltage to the interface
energy level alignment of doped hetero-junctions [1]. This description
is based on the assumption that the capacitance is solely determined by
the metal-semiconductor contact [1],[2]. With this Mott-Schottky ap-
proach any additional contributions from interfaces, injection barriers
or space charge regions inside the device are neglected. Furthermore,
the measured p-doping dependence cannot be explained within the
framework of this picture. Within this work we present a theoretical
description that couples a continuous equivalent circuit model with the
solution of the drift-diffusion equation for equilibrium. This approach
yields a direct link between the material parameters and interfaces
to the results of impedance spectroscopy measurements. We further-
more compare the theoretical model to measurements of p-doped single
layer devices and can explain how the material and device parameters
change with varied p-doping concentration.

[1] Lee et al., Adv. Funct. Mater. 22, 855-860 (2012)

[2] R.L. Anderson, Solid-State Electronics 5, 341 (1962)

CPP 66.6 Fri 11:30 HI18
Remote doping at organic heterointerface — elLiA LasHKOV,
KeviIN KreEcHAN, KATRIN ORTSTEIN, HANs KLEEMANN, and KARL
Leo — Dresden Integrated Center for Applied Physics and Photonic
Materials, Nothnitzer Str. 61, 01187 Dresden, Germany

Organic and molecular electronics is a novel field of microelectronics
that provides the possibility of producing electronic devices onto flex-
ible substrates and at a low process temperature. However, organic
thin-film transistors suffer from a low charge carrier mobility which
lowers their potential for applications. Both problems have been suc-
cessfully solved in inorganic electronics by the concept of remote dop-
ing. In our work, we investigate remote doping at a junction between
two organic semiconductors with a different energy gap. The offset
of valence states leads to charge carrier transfer from the wide gap
semiconductor. Charge transfer at the interface between the organic
semiconductors is investigated by in-situ conductivity measurements
during film deposition. We directly monitor the charge transfer by
means of the film conductivity which experiences a sudden increase
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upon the deposition of the first molecular monolayer of the narrow
gap material onto the wide gap semiconductor. Additionally, we inves-
tigate the transfer by ultra-violet photo-electron spectroscopy (UPS)
and present first steps towards the realization of a remotely doped
organic thin-film transistor.

CPP 66.7 Fri 11:45 HI18
Electronic interactions in precursor solution of F4TCNQ
doped P3HT polymers — eVanpana Trwari!, Honce-Guancg
Duan®23 Ajay Jual, and R. J. Dwayne MiLLer?34 — IMPSD,
Hamburg, Germany — 2I. Institut fiir Theoretische Physik, UH, Ger-

many — 3CUI, Hamburg, Germany — *University of Tornoto, Canada

Unraveling the favorable electronic interaction between dopant and
polymer is the key to the success of molecular doping in organic semi-
conductors. Here we use two-dimensional electronic spectroscopy to
explore the electronic dynamics of FATCNQ-doped conducting poly-
mer, P3HT in precursor solution mixtures. The electronic interactions
among the ion-pairs formed in precursor solutions are captured in the
form of off-diagonal peaks connecting the electronic states of polymer
and dopant radicals. We have theoretically modeled our system to
simulate the experimental data and achieve a quantitative picture of
the Coulombic interaction between cation and anion radicals in solu-
tion. Our study reveals the heterogeneous electronic interactions that
possibly serve as a seed for the structures in the spin-casted films.

CPP 67: Polymer and Molecular Dynamics, Friction and Rheology

Time: Friday 9:45-12:15

CPP 67.1 Fri 9:45 HI13
Nanomechanische Charakterisierung von funktionalen Cellu-
loseeinzelfasern — eJuLiA AUERNHAMMER!' und ROBERT STARK?
— 1Technische Universitit Darmstadt, Insitut Materialwissenschaf-
ten, Physics of Surfaces, Alarich-Weif-Strafte 16, 64287 Darmstadt
— 2Technische Universitit Darmstadt, Insitut Materialwissenschaften,
Physics of Surfaces, Alarich-Weif-Strafte 16, 64287 Darmstadt

Der heutige Alltag ist ohne Applikation von Papier, wie in Printme-
dien, Verpackungsprodukte oder gar in technischen Spezialpapieren,
kaum vorstellbar. All diese Anwendungen machen sich die einzigar-
tigen Eigenschaften von Papier zu nutze. Papier ist porés und kann
ohne externe Pumpen kapillargetrieben Fliissigkeiten transportieren.
Im Vergleich zu porésen Kunststoffen ist es chemisch und thermisch
stabiler, reifffest und kann nach Gebrauch rezykliert oder energetisch
verwertet werden. Zum Design von Papieren mit funktionalen Eigen-
schaften werden die Papiere oft mit hydrophoben Polymeren modifi-
ziert um die Nassreififestigkeit zu verbessern. Mit Hilfe der Raster-
kraftmikroskopie und der Korrelation zur Konfokalmikroskopie und
Fluoreszenzmikroskopie wird hier ein detailreiches Bild der Verteilung
des Polymerfilms auf einzelnen Cellulosefasern aufgezeigt. Zudem wird
die rdumliche Ausdehnung der Einzelfaser bei steigender Luftfeuchtig-
keit sowie die damit verbundenen Veranderungen der lokalen mecha-
nischen Eigenschaften an der Oberfliche der Einzelfaser herausgear-
beitet. Weiterhin zeigt der Mikrozugversuch am Rasterkraftmikroskop
das Verhalten von Einzelfasern bei mechanischer Beanspruchung unter
verschiedenen Luftfeuchtigkeiten.

CPP 67.2 Fri 10:00 H13
Non-monotonic particle size effect on the glass transition in
polymer-particle blends and its application to shape memory
polymers — Evrias M. ZirDEHI and eFATHOLLAH VARNIK — [CAMS;,
Ruhr-Universitdt Bochum, Germany

The addition of small molecules is found to enhance the dynamics of
structural relaxation in polymers and glasses [1]. This effect turns out
to be a non-monotonic function of the particle size [2]. Through a
detailed analysis of the non-Gaussian parameter for the particles and
monomers, it is shown that the time scales of cooperative motion for
the two constituents exhibit a separation when decreasing the size of
particles. This decoupling of dynamics is also apparent in the ratio
of diffusion coefficient and relaxation times of two species. Loss of
the coupling effect makes the monomers become weakly influenced by
the fast dynamics of the smaller particles. On the other hand, the
larger particles are strongly coupled to polymers while being less mo-
bile, which leads to a rather weak enhancement effect on the polymers
dynamics. The strongest effect on polymers dynamics is observed in
the intermediate particle sizes where the particles have high mobil-
ity as well as sufficiently strong coupling to the polymer matrix. A
potential application of this effect can be the tuning of the trigger-
ing temperature in shape memory polymers. This issue is also briefly
discussed.

1. Elias Mahmoudinezhad, Axel Marquardt, Gunther Eggeler and
Fathollah Varnik, Procedia Computer Science 108, 265-271 (2017).

2. Elias M. Zirdehi, Fathollah Varnik, Non-monotonic particle size
effect on the glass transition in polymer-particle blends (under rev.).

CPP 67.3 Fri 10:15 HI13

Rheology of Nonequilibrium Polymer Melts — eMaNJEsH K.
SiNnagH, Hsiao-Pine Hsu, and Kurtr KREMER — Max Planck Institute
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Location: H13

for Polymer Research, Mainz, Germany

Polymers have become very popular in everyday use because of ease
in processing of polymeric materials. Polymers are processed to differ-
ent complex shapes from the molten state. Polymer melts display rich
viscoelastic behavior in the typical length and time scales. The pro-
cessing of polymer melts become difficult with increase in molecular
weight (Mw) because of increase in viscosity. The long polymer chains
in a melt have to move in a specific way due to the topological con-
straints “entanglements” imposed by neighboring chains. This happens
because of the fact that the in a polymeric systems each monomers are
connected to their neighboring monomers and can not crossover each
other. Increase in number of entanglements with increase in Mw leads
to increase in viscosity.

We have used complementary experimental and simulation ap-
proaches to study the development of entanglements in a fully dis-
entangled melt of collapsed polymer chains and changes in viscosity,
moduli and glass-transition temperature during the process.

CPP 67.4 Fri 10:30 H13
Cyclization and relaxation dynamics of finite-length collapsed
self-avoiding polymers — eJuLiaN KapPpLER!'2, FRANK NoE!, and
Roranp R. Nerz! — !Freie Universitit Berlin, 14195 Berlin, Ger-
many — 2Cambridge University, Cambridge CB3 OWA, United King-
dom

The loop formation kinetics of polymers governs the dynamics of pro-
tein folding and gene expression regulation. The quantity of main
interest is the cyclization time 7cyc, i.e. the mean time it takes the
two polymer ends to find each other. We study the cyclization and
relaxation dynamics of ideal as well as interacting polymers as a func-
tion of chain length N. For the cyclization time of ideal chains we
recover the known scaling Tcyc ~ N 2, for a self-avoiding slightly col-
lapsed chain we obtain from Langevin simulations and scaling theory a
modified scaling Tcyc ~ N5/3. The cyclization and relaxation dynam-
ics of a finite-length collapsed chain scale differently; this unexpected
dynamic multi-scale behavior is rationalized by the crossover between
swollen and collapsed chain behavior.

CPP 67.5 Fri 10:45 H13
Network dynamics in hydrogen-bonding telechelic polymers:
associate lifetime, structural relaxation and phase separa-
tion — eMarTIN Tress!, Kunvyue Xina!, Penarer Cao2, SHI-
waNG CHENG2, ToMONORI SAITo2, VLADIMIR Novikov?!, and ALEXEI
SokoLov!:?2 — 1University of Tennessee Knoxville, Department of
Chemistry, Knoxville, Tennessee, USA — 20ak Ridge National Lab,
Chemical Sciences Division, Oak Ridge, Tennessee, USA — 3Michigan
State University, Department of Chemical Engineering and Material
Science, East Lansing, Michigan, United States

Supra-molecular networks formed by reversible bonds between poly-
mer chains exhibit extraordinary properties, e.g. extreme toughness
& elongation at break or self-healing. We study short telechelic poly-
mers with different H-bonding ends and backbones [Xing, Tress et
al., Macromolecules 10.1021 /acs.macromol.8b01210]. The H-bonds in-
crease the glass transition temperature (Tg), though in flexible poly-
dimethyl siloxanes it does not vary with H-bond strength whereas in
much stiffer polypropylene glycol Tg varies significantly. In contrast,
viscosity strongly depends on H-bond strength in the former while it is
unchanged in the latter. Complementary measurements of mechanical
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and dielectric relaxation indicate that this due to competing lifetimes of
supra-molecular associations and chain relaxation. Furthermore, vis-
coelastic properties are enhanced tremendously by phase separating
ends, controlled by Tg of these aggregates. The concept of bond life-
time renormalization [Stukalin et al., Macromolecules 46 (2013) 7525]
describes the results qualitatively but appears to fail quantitatively.

15 min. break

CPP 67.6 Fri 11:15 HI13
Filtering polymeric topologies in spatially-modulated nano
channels — eLisa B. Wriss!, MarTiaA MARENDAZ, CRISTIAN
MicHeLETTI?, and CurisTos N. Likos! — !Faculty of Physics, Uni-
versity of Vienna, Boltzmanngasse 5, A-1090 Vienna, Austria —
28ISSA, International School of Advanced Studies, via Bonomea 265,

1-34136 Trieste, Italy

Polymers of various topologies are of importance in biology, rheol-
ogy and material science. Macromolecules of distinct topology consist
of the same type and number of monomers, making it challenging
to separate them using chemical approaches. Nevertheless, topology
influences strongly their response to flow fields in concentrated and
dilute solutions. Previously, successful separation strategies for linear
and circular polymers have been developed, which unfortunately fail
in the case of knotted ring polymers. Thus, we present a novel sep-
aration strategy employing spatially-modulated channels, building up
on topology-dependent diffusivities in such channels. We take hydro-
dynamic interactions via the multi-particle collision algorithm into ac-
count. In equilibrium, we find an astonishing inversion of diffusivities
in modulated channels compared to bulk, which can be rationalized
by a Fick-Jacobs approach. Applying a flow enables a reliable sepa-
ration of circular polymers from their knotted counter parts in weak
flows. Looking in detail at the relevance of the size of the narrowing,
we identify a regime of strong restrictions on polymer translocations
in the case of pore sizes smaller than the average knot size. Here, the
essential crossings act as a parachute preventing translocation.

CPP 67.7 Fri 11:30 H13
Accelerating molecular dynamics simulations with popula-
tion annealing — eHENRIK CHRISTIANSEN', MARTIN WEIGEL?, and
WoLFHARD JANKE! — lInstitut fiir Theoretische Physik, Universitit
Leipzig, Postfach 100 920, 04009 Leipzig, Germany — 2Applied Math-
ematics Research Centre, Coventry University, Coventry CV1 5FB,
England

We adapt Population Annealing to Molecular Dynamics simulations
and demonstrate its ability to accurately simulate systems with rugged-
free energy landscapes. For this we simulate the folding of met-
enkephalin, a short peptide commonly used to test the performance of
algorithms. A comparison with Parallel Tempering, the de facto stan-
dard for the simulation of complex systems with a rugged free-energy
landscape using Molecular Dynamics, is presented. Further, we show
that it is possible to use adaptive temperature steps in Population An-

CPP 68: Microfluidics
Time: Friday 10:00-12:15

CPP 68.1 Fri 10:00 H6
Tunable stirring of the interior of biofluid microdroplets
in a microfluidic channel — ePIERRE-YVEs GIRES, MITHUN
Tuampi, and MarTHIAS WEIss — Experimental Physics I, Univer-
sity of Bayreuth, Germany

Studying dynamic changes of and within fluid droplets with bio-
mimetic or biological composition, e.g. produced in microfluidic de-
vices, is a key technique for biotechnology. However, due to their
small dimensions, a controlled and gentle stirring of the droplets’ in-
terior has been very challenging. Here we report on an approach
that allows for performing such a tunable stirring of microdroplets
via home-made magnetic nano-stir bars. In particular, we have used a
PDMS-based microfluidic junction with a hydrophobic carrier fluid to
produce aqueous biofluid droplets with 10-100 microns diameter into
which magnetic nano-stir bars were incorporated. By subsequent stim-
ulation with an alternating magnetic field, nano-stir bars performed a
rotational motion with tunable frequencies in the range 0.01-10 Hz.
The differential effect of this stirring on particle diffusion and on the

nealing, i.e., the temperature set has not to be known beforehand, like
in Parallel Tempering, but can be determined on-the-fly.

CPP 67.8 Fri 11:45 H13
Dynamic Properties of Multiblock Copolymers — eFaBIAN
BERRESSEM, FRIEDERIKE SCcHMID, and ARASH NIKOUBASHMAN — In-
stitute of Physics, Johannes Gutenberg-University Mainz

The ability of copolymers to self-assemble into well-defined nanostruc-
tures is of enormous importance in academic studies as well as in in-
dustry. This remarkable property makes it possible to create large
volumes of materials with specific nanostructures and tailored prop-
erties. Previous research has focused mainly on the self-assembly of
diblock copolymers, as the synthesis of these macromolecules is well-
established. Recent advances in chemical synthesis have made it pos-
sible to create more complex polymers such as multiblock copolymers.
Self-assembled structures of multiblock copolymers contain many loops
and bridges, which can significantly alter their rheological properties
due to entanglement effects. Thus, it is important to consider the chain
conformations on a microscopic level to fully understand the macro-
scopic flow properties of the melts. The arrangement of the individual
polymers, and hence the distribution of loops and bridges, strongly
depends on the specific polymer properties as well as the employed
manufacturing processes, e.g., solvent casting or spray coating. As
a first step, we studied through self-consistent field theory (SCFT)
the domain spacing and the loop and bridge distribution of lamella-
forming multiblock copolymers in equilibrium, and found semiquan-
titative agreement with experiments. We then combined SCFT with
molecular dynamics simulations of Lennard-Jones chains to determine
the anisotropic shear viscosity of block copolymer melts.

CPP 67.9 Fri 12:00 H13
Influence of interface hydration on sliding of graphene and
molybdenum disulfide single-layers — eHu LiN, ABDUL RAUF,
NikorAar SEVERIN, Icor M. Sokorov, and JURGEN P. RABE —
Department of Physics & IRIS Adlershof, Humboldt-Universitdat zu
Berlin, Germany

Humidity influences friction in layered materials in peculiar ways. For
example, while water improves the lubricating properties of graphite,
it deteriorates those of molybdenum disulfide (MoS2). The reasons
remain debated, not the least due to the difficulty to experimentally
compare dry and hydrated interface frictions. For this, we strain the
mica substrate and detect strain in graphene and MoS2 by changes
in Raman and photoluminescence spectra, respectively. The spectra
show that the hydration of interfaces between a mica substrate and
single-layers of graphene and MoS2 with a molecularly thin water layer
affects strain transfer from the substrate to the 2D materials. Strain
relaxation in graphene changes from stick-slip in dry contact, to vis-
cous when hydrated. In contrast, there is no viscous relaxation in
MoS2 regardless of hydration. Our work provides a novel approach
for better understanding the impact of hydration on friction in layered
materials.

(joint session DY /CPP)
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Location: H6

undulation of semiflexible biofilaments, i.e. microtubules, was then
quantified via quantitative fluorescence microscopy to dissect thermal
and active noise contributions.

CPP 68.2 Fri 10:15 H6
Soft particles in inertial microchannel flow — eCHRISTIAN
ScuAAF and HOLGER STARK — Institut fiir Theoretische Physik, Tech-
nische Universitat Berlin, Berlin, Germany

Particles immersed in an inertial microchannel flow at intermediate
Reynolds numbers move towards discrete equilibrium positions in the
channel cross section. This Segré-Silberberg effect can be explained
by the inhomogeneous shear profile of Poiseuille flow and particle-wall
interactions. While rigid particles assemble around halfway between
channel walls and channel center, deformable capsules move closer to-
wards the center [1]. In addition to this lateral inertial focusing, rigid
particles at low densities also assemble on 1D lattices along the flow
[2]. In this contribution we aim to understand how the deformabil-
ity of elastic capsules influences the lattice formation and what novel
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structures now develop.

To study this problem we conduct lattice-Boltzmann simulations.
As a first step we focus on the dynamics of a flowing particle pair and
see how inertia changes the dynamics of a pair of deformable capsules.
For a pair of rigid particles we have recently found that the dynamics
is dominated by viscous forces at small distances and by inertial forces
at larger distances [3].

In the end these results are used to explain the behavior of soft
particle trains and to analyze their dynamics and stability.

CPP 68.3 Fri 10:30 H6
Focusing and splitting of particle streams in microflows via
viscosity gradients — eMaTTHIAS LAUMANN and WALTER ZIMMER-
MANN — University of Bayreuth, Germany

Microflows are intensively used for investigating and controlling the
dynamics of particles, including soft particles such as biological cells
and capsules. A classic result is the tank-treading motion of ellipti-
cally deformed soft particles in linear shear flows, which do not migrate
across straight stream lines in the bulk. However, soft particles migrate
across straight streamlines in Poiseuille flows. In this talk we present
a new mechanism of cross-streamline migration of soft particles. If the
viscosity varies perpendicular to the stream lines then particles migrate
across stream lines towards regions of a lower viscosity, even in linear
shear flows. An interplay with the repulsive particle-boundary inter-
action causes then focusing of particles in linear shear flows with the
attractor stream line closer to the wall in the low viscosity region. Vis-
cosity variations perpendicular to the stream lines in Poiseuille flows
leads either to a shift of the particle attractor or even to a splitting of
particle attractors, which may give rise to interesting applications for
particle separation. The location of attracting streamlines depend on
the particle properties, like their size and elasticity. The cross-stream
migration induced by viscosity variations is explained by analytical
considerations, Stokesian dynamics simulations with a generalized Os-
een tensor and Lattice-Boltzmann simulations.

CPP 68.4 Fri 10:45 H6
Synchronization between two boiling bubbles — eCrLAus-
DieTer OHLY'2, DaANG MINH NcUuYEND2, MUTTIKULANGARA SWAMI-
NATHAN SANATHANANZ, JiaNMIN Miao2?, and Davib FERNANDEZ
Rivas? — 1Otto-von-Guericke University, Institute for Physics,
Magdeburg. — 2School of Physical and Mathematical Sciences,
Nanyang Technological University, Singapore. — 3School of Mechan-
ical and Aerospace Engineering, Nanyang Technological University,
Singapore. — *Mesoscale Chemical Systems, Faculty of Science and
Technology, University of Twente, Enschede, The Netherlands

Acoustically driven bubbles are nonlinear oscillators showing a wide
range of behaviours such as period-doubling bifurcations, determinis-
tic chaos, and synchronization to an external signal. Here we demon-
strate that bubbles driven with a constant heat source can couple with
each other and yield in-phase synchronization, even in the absence of
an external sound field. Besides perfect synchronization we resolve
the parameter space where independent oscillations and bubble merg-
ing occurs. The main finding that only weakly oscillating bubbles
synchronize provides a path for experimental scale-up to study spatio-
temporal synchronization. In the wider scope the findings are relevant
for heat transfer applications from structured heaters where complex
multi-bubble oscillations are expected.

CPP 68.5 Fri 11:00 H6
Dissipative particle dynamics simulation for viscosity behav-
ior induced by self-assembly of surfactants confined in nan-
otubes — oY Uusel KoBavasui and Norivosur Arar — Kindai Uni-
versity, Higashiosaka, Japan

Self-assembly is one of the most studied branches of materials chem-
istry, and has attracted a lot of attention due to its diverse potential
applications in electronics, engineering, biomedical, and optical fields.
Thus far, many previous studies have reported on the self-assembly
of surfactants in solution for developing various functional materi-
als. On the other hand, the chemical nature of the wall surface on
the nano/micro scale is another key parameter which can drastically
change the self-assembled structures. To study such wall-induced ef-
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fects on the self-assembled structures and their rheological properties,
we performed computer simulations of surfactant solutions in chemi-
cally distinct nanotubes under pipe flow. In particular, we determined
the shear viscosity as a function of (local) shear rate in hydrophilic,
hydroneutral, and hydrophobic nanotubes at different surfactant con-
centrations. Here, we found that the addition of surfactant molecules
led to characteristic viscosity behaviors with rich steady-state mor-
phologies.

15 min. break

CPP 68.6 Fri 11:30 H6
Particle trajectory entanglement in confined fluidic systems
— eArvarRo MaRIN', MassimiLiano Rossi?, and CHRISTIAN J.
KAHLER? — !Physics of Fluids, University of Twente, The Nether-
lands — 2Bundeswehr University Munich, Germany

Suspensions in motion can show very complex and counterintuitive be-
havior, particularly at high concentrations. However, in this work we
show how suspensions at substantially lower dilute concentrations can
develop complex dynamics. Such non-trivial dynamics appear when
particles tend to interlace their trajectories, only bonded by hydrody-
namic interactions. Using a fairly simple system of non-Brownian par-
ticles flowing in a confined channel, we reveal a rich complexity in the
particle dynamics due to the dominance of short-range particle-particle
and particle-wall hydrodynamic interactions. Such rich dynamics are
revealed and studied via experiments and particle dynamics simula-
tions, resulting in a very good quantitative comparison.

CPP 68.7 Fri 11:45 H6

Aligning beads with boxing gloves — eARCHIT BHATNAGAR!,

AnatoL Frrtscu!, MarTHAus MritTascu!, MICHAEL NESTLER?,
MarTHiAs Lomorr!, AxeL Voict?, and Moritz KRreEysing! —
IMPI of Cell Biology, Dresden — 2Department of Mathematics, TU

Dresden

Recently we have described that we can move the cytoplasm of cells
and developing embryos in a non-invasive manner. For this we made
use of thermoviscous flows (1).

Here we ask the question if these long-ranged flow fields can in prin-
ciple also be used for the precision alignment of colloids, an endeavor
that seems as reasonable as trying to align small beads while wearing
boxing gloves. Simulations, however, suggest that series of flow fields
can be found to align multiple colloids at the same time, even if these
particles are closely spaced.

We follow this strategy experimentally and will report the feasibility,
precision limits due to the brownian motion of particles, and prospects
for colloidal physics and applications in biology.

References: (1) Mittasch et al., ” Non-invasive perturbations of in-
tracellular flow reveal physical principles of cell organization”, Nature
Cell Biology 1 (2018)

CPP 68.8 Fri 12:00 H6
Anisotropic thermophoresis and thermal orientation of elon-
gated colloids — eMaRrisoL RipoLL and ZiHAN TaN — Institute of
Complex Systems, Forschungszentrum Jiilich, Germany

Anisotropic phoresis refers to the different phoretic response that elon-
gated particles can have as a function of their relative orientation with
a gradient of temperature or concentration. These effects can further
be enhanced when the surface of the system is not homogeneous, case
in which an additional phoretic orientation can appear for non-fixed
colloids [1]. Investigations are performed by a hydrodynamic mesoscale
simulation approach [2]. The anisotropic phoresis can furthermore be
applied to the design of phoretic micromachines and micropums, which
shows to provide an alternative to the conventional application of ex-
ternal forcing in order to pump fluids at the microscale [3].

[1] Z. Tan, M. Yang, and M. Ripoll, Soft Matter 13, 7283 (2017) Z.
Tan, PhD thesis, Universitat zu Koln (2018)

[2] D. Liisebrink, M. Yang, and M. Ripoll, J. Phys.: Condens. Mat-
ter 24, 284132 (2012) M. Yang, and M. Ripoll, Soft Matter 9, 4661
(2013)

[3] M. Yang, R. Liu, M. Ripoll, and K. Chen, Nanoscale 6, 13550
(2014); Lab Chip, 15, 3912 (2015)
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CPP 69: Glasses and Glass transition (joint session DY /CPP)

Time: Friday 10:00-11:45

CPP 69.1 Fri 10:00 H19
Unified Formulation of Fractional Relaxation — eTILLMANN
KLEINER and RupoLr HILFER — Institut fiir Computerphysik, Uni-
versitat Stuttgart

Susceptibility functions that involve stretching exponents which are
derived from fractional dynamics [1] reproduce the excess wing of a-
relaxation peaks that has been observed in dielectric spectra of glass
forming materials [2]. The contemporary formulation of fractional dy-
namics requires two distinct approaches to describe the relaxation mo-
tion and the response of the system to periodic excitations. The former
uses fractional Liouville-Caputo derivatives in the time domain and the
latter multiplication with the susceptibility function in the frequency
domain. Both approaches impose severe restrictions on the past his-
tory of the involved electric field that are unrealistic in an experimental
situation. Due to the occurrence of memory effects this poses a serious
problem. In this contribution a unified description of fractional dy-
namics is presented where fractional derivatives are defined using dis-
tributional convolution. The resulting response functions are stretched
multinomial Mittag-Leffler functions. This formulation extends the
mentioned approaches to all experimentally relevant situations in a
consistent way and exposes a high degree of convenience.
[1] R. Hilfer, Analysis 36, 49-64 (2016)
[2] F. Kremer and A.Loidl, The Scaling of Relaxation Processes,
Springer, (2018)

CPP 69.2 Fri 10:15 H19
Ion and Molecule Transport in Nanopores - a NMR Study
— oCHRISTOPH SACKEL, SARAH SCHNEIDER, and MICHAEL VOGEL —
TU Darmstadt, Institut fiir Festkdrperphysik, Hochschulstr. 6, 64289,
Darmstadt, Germany

We analyze ion and molecule transport in aqueous salt solutions
confined to nanopores as part of a project that aims to develop a
new generation of nanosensors by combining biological and synthetic
nanopores. While biological ion channels are highly selective and sen-
sitive, they lack the robustness for technological applications. In con-
trast, silica pores are well-established in industrial environments, but
possess inferior capabilities, e.g. no selectivity. A hybrid system would
combine the favourable properties of both types of pores. It is there-
fore necessary to understand the influence of the confinement on the
temperature-dependent ion and molecule transport. We systematically
vary the pore parameters and study effects on the dynamics with 1H,
2H and 7Li nuclear magnetic resonance (NMR). We combine homoge-
neous and gradient field NMR to selectively investigate water and ion
dynamics on broad time and length scales in the supercooled regime.
Both the local and long-range dynamics of ions and water show a slow-
down with decreasing pore size. In addition, our data indicates more
heterogeneous dynamics for the liquid in confinement than in bulk.
Both the slowdown and heterogeneity can be explained by a slower
layer of solution at the pore walls and bulk-like dynamics in the pore
centre. Self-diffusion shows an Arrhenius-like behaviour of the solution
in confinements, while bulk samples are best described by a VFT fit.

CPP 69.3 Fri 10:30 H19
Glass transition of water-like models in bulk and confinement
— oRoBIN HorsTMANN and MicHAEL VOGEL — TU Darmstadt, In-
stitut fiir Festkorperphysik, Hochschulstr. 6, 64289, Darmstadt, Ger-
many

Tetrahedral network formers have a special position among glass-
forming liquids. Their well defined local prefered structures cause
significant structural changes with temperature but often render the
transfer of models of supercooled liquids, e.g. density scaling, diffi-
cult. We use molecular dynamics simulations to examine two families
of water-like molecules, based on the SPC/E and TIP4P /2005 water
models, that vary only in their partial charges to systematically alter
the strength of the hydrogen-bonds and, hence, the relevance of tetra-
hedral order.! The varied inter-molecular interactions spread dynamics
over a wide temperature range with the glass transition temperature
Ty and the high temperature activation energy Eo both changing by
a factor of five. Additionally, we study water-like systems in neu-
tral confinements and find unchanged tetrahedral structure but slowed
molecular dynamics. To describe the glassy slowdown, we assume that
the activation free energy can be split into a constant value Fo, and an
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exponentially growing contribution E.(T").2 Common ratios of Eoo /Ty
and E.(T)/Ty are found indicating that the high temperature results
can be used to rescale the glassy slowdown in bulk and confinement.

[1] R. Horstmann and M. Vogel, J. Chem. Phys. 147, 034505 (2017)

[2] B. Schmidtke et al., Phys. Rev. E 86, 041507 (2012)

CPP 69.4 Fri 10:45 H19
Effects of fractional freezing on the structure and dynamics of
deeply cooled confined water — eSEBASTIAN KLOoTH and MICHAEL
VocGEL — TU Darmstadt, Institut fiir Festkorperphysik, Hochschulstr.
6, 64289, Darmstadt, Germany

The properties of confined water are of enormous importance in nature
and technology. In particular, the effects of partial freezing on struc-
ture and dynamics is largely relevant for, e.g. geology, cryopreservation
and our understanding of the glass transition of water [1]. To obtain a
better understanding of the properties of the liquid fraction molecular
dynamic simulations were performed with the TIP4P /Ice water model.
This model was chosen for its good agreement with several water and
ice properties. A series of frozen confinements with different pore di-
ameters were made to analyze the structure and dynamics of the water
layer remaining liquid upon deeply cooling, between pore wall and ice
crystals. The partial freezing results in altered water dynamics, most
importantly, the non-Arrhenius behavior of weakly supercooled bulk
water is replaced by an Arrhenius behavior. Confined and bulk water
have in common that the structure is disturbed at low temperatures.
Either trough the existence of two interfaces in the case of the frozen
confinement or through partly forming ice nuclei in the bulk.

[1] Cerveny, S. et al., Chem. Rev., 2016, 116 (13)

CPP 69.5 Fri 11:00 H19
Decoding of the Toric Code: A High Temperature Se-
ries Analysis — eBENEDIKT Pracki!, NikoLas BREUCKMANNZ,
and ANaNDA Rov!3 — 1JARA Institute for Quantum Information,
RWTH Aachen University — 2Department of Physics and Astronomy,
University College London — 3Insitut de Physique Théorique, CEA

Saclay

The decoding of several topological quantum codes (TQC) can be
mapped onto statistical physics models (SPM). This mapping relates
the successful decoding of the error syndrome of the TQC to a certain
phase of the respective SPM. The error-correction performance of sev-
eral TQC-s have been analyzed using Monte Carlo (MC) simulations of
the corresponding SPM. We, on the other hand, use high-temperature
series expansion (HTSE) to analyze the decoding performance of the
toric code. In contrast to zero temperature simulations, which esti-
mate the threshold of the minimum-weight perfect-matching decoder,
our method naturally provides an estimate of that of the maximum-
likelihood decoder. First, we analyze the full phase diagram of the
2D random-bond Ising model by computing HTSE to a higher or-
der than previously performed. From our analysis, we estimate the
accuracy threshold of the toric code in absence of measurement imper-
fections. We compare our result to those obtained by MC simulations
and network model analysis. Then, we perform HTSE of the zero-
field free-energy and the Wilson loop order parameter in the 3D Ising
gauge theory in the presence of quenched disorder. The latter model
describes the decoding of the toric code subject to measurement errors.

CPP 69.6 Fri11:15 H19
Local and translational dynamics of water in various confine-
ments investigated via 'H and 2H NMR — eSIMON SCHONER,
Max WEIGLER, and MicHAEL VoGEL — TU Darmstadt, Institut fiir
Festkorperphysik, Hochschulstr. 6, 64289, Darmstadt, Germany

Confined water is interesting for several reasons. On the one hand the
topic is highly relevant in biology or geology where water is often found
in soft or hard confinements, water around proteins or in rods being
prime examples. On the other hand confined water allows one to inves-
tigate liquid water at low temperatures, where normally crystallization
would occur, and, in this way, to obtain insights into the heavily de-
bated glass transition of water. We investigate the dynamics of water
confined in various rigid matrices using 'H and 2H NMR experiments.
One goal is to obtain information on the influence of different kinds
of confinements and pore sizes on the self diffusion and the structural
relaxation of water. Especially, we address the question whether trans-
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lational diffusion and local reorientation are affected by confinement
in a comparable way. First measurements with DoO and H2O indicate
similar correlation times and diffusion coefficients for both MCM-48
and MCM-41 confinements with comparable pore sizes between 2 and
3 nm.

CPP 69.7 Fri 11:30 H19
Universal hidden order in amorphous cellular geometries —
oGERD E ScHRODER-TURK — Murdoch University, Perth, School of
Engineering and IT, WA 6150, Murdoch, Australia

Partitioning space into cells is central to many fields of science and
technology, as well as to resource distribution problems in economics
and telecommunication. The nature of cellular partitions is often de-
fined by optimization with respect to certain properties, such as in-
terface area in the Kelvin problem, packing density in the Kepler

problem, or cell centrality in the Quantizer problem. In all known
cases, the optimal solutions are crystalline configurations with long
range order. To date, no optimization problem has been identified
where the optimal solution is a disordered configuration. Amorphous,
or disordered, structures are generally considered to be intermittent
meta-stable states that prevent the system from attaining the opti-
mal ordered structures. Here we use Lloyd’s iteration to demonstrate
the existence and stability of a special disordered state in the three-
dimensional Quantizer problem, despite the existence of lower-energy
crystalline configurations. Akin to a thermodynamic phase, this state
is universal. Specifically, irrespective of the level and type of disorder in
the initial configurations, we find a convergence to the same amorphous
state, representing configurations characterized by the same structure
factor and energy distributions. This highly degenerate state is char-
acterised by an anomalous suppression of long-wavelength density fluc-
tuations, known as hyperuniformity.

CPP 70: Closing talk (joint session BP/CPP /DY)

Time: Friday 12:30-13:15

Invited Talk CPP 70.1 Fri12:30 H1
Pattern formation in active cytoskeletal systems — e ANDREAS
R. BauscH — Lehrstuhl fiir Biophysik, Technische Universitiat
Miinchen, 85747 Garching

Living cells rely on the self-organization mechanisms of cytoskeleton
to adapt to their requirements. In processes such as cell division,
or cellular motility rely on the controlled self-assembly and disassem-
bly of well defined active cytoskeletal structures interacting with lipid
membranes. One important and promising strategy to identify the
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underlying governing principles is to quantify the underlying physical
processes in model systems mimicking functional units of living cell.
Here T*1l present in vitro minimal model systems consisting of active
microtubule and actin filament systems which show pattern formation
resulting from active transport processes. 1 will discuss how small
variations in local interactions results in nematic or polar patterns in
high density motility essays. With the example of reconstituted active
vesicles I will discuss how to relate local force exertion and tension gen-
eration to shape transformations, blebbing, invagination or tethering
of lipid membranes



