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Invited Talks

01.1 Mon 9:30-10:15
0 24.1 Tue 9:30-10:15
0 36.1 Wed 9:30-10:15
0 60.1 Thu 9:30-10:15
O 771 Fri 9:30-10:15
O 84.1 Fri 13:15-14:00

5054
5054

S054
5054

5054
S054

Laser-excited electrons: how hot are they? — eBAERBEL RETHFELD
Oxygen Evolution on Rutile Ruthenium and Iridium Dioxides — eYANG
SHAO-HORN

Heterogeneous chemistry of liquid-vapor interfaces investigated with X-
ray photoelectron spectroscopy — eHENDRIK BLUHM

Exciting states in atomically thin layers — ¢ THORSTEN DEILMANN
Sub-molecular fluorescence microscopy with STM — ¢ GUILLAUME SCHULL
Exploring the Mysteries of Topology in Quantum Materials — eCLAUS
M. SCHNEIDER

Invited Talks of the joint Symposium Frontiers of Orbital Physics: Statics, Dynamics, and

Transport of Orbital Angular Momentum (SYOP)
See SYOP for the full program of the symposium.

SYOP 1.1

SYOP 1.2

SYOP 1.3

SYOP 1.4

SYOP 1.5

Mon

Mon

Mon

Mon

Mon

9:30-10:00

10:00-10:30

10:30-11:00

11:15-11:45

11:45-12:15

H1

H1

H1

H1

H1

Orbital degeneracy in transition metal compounds: Jahn-Teller effect,
spin-orbit coupling and quantum effects — eDANIEL KHOMSKII

Orbital magnetism out of equilibrium: driving orbital motion with fluc-
tuations, fields and currents — ¢YURIY MOKROUSOV

Orbitronics: new torques and magnetoresistance effects — eMATHIAS
KLAUI

Orbital and total angular momenta dichroism of the THz vortex beams
at the antiferromagnetic resonances — e ANDREI SIRENKO

Observation of the orbital Hall effect in a light metal Ti — e¢GYUNG-MIN
CHOI

Invited Talks of the joint Symposium SKM Dissertation Prize 2022 (SYSD)
See SYSD for the full program of the symposium.

SYSD 1.1

SYSD 1.2

SYSD 1.3

SYSD 1.4

Mon

Mon

Mon

Mon

10:15-10:45

10:45-11:15

11:15-11:45

11:45-12:15

H2

H2

H2

H2

Charge localisation in halide perovskites from bulk to nano for efficient
optoelectronic applications — eSASCHA FELDMANN

Nonequilibrium Transport and Dynamics in Conventional and Topolog-
ical Superconducting Junctions — eRAFFAEL L. KLEES

Probing magnetostatic and magnetotransport properties of the antifer-
romagnetic iron oxide hematite — e ANDREW ROSS

Quantum dot optomechanics with surface acoustic waves — eMATTHIAS
WEISS
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Invited Talks of the joint Symposium United Kingdom as Guest of Honor (SYUK)
See SYUK for the full program of the symposium.

SYUK 1.1
SYUK 1.2
SYUK 1.3
SYUK 1.4
SYUK 1.5
SYUK 2.1
SYUK 2.2

SYUK 2.3
SYUK 2.4

SYUK 2.5

Wed
Wed
Wed
Wed
Wed
Wed
Wed

Wed
Wed

Wed

9:30-10:00
10:00-10:30
10:30-11:00
11:00-11:30
11:45-12:15
15:00-15:30
15:30-16:00

16:00-16:30
16:45-17:15

17:15-17:45

H2
H2
H2
H2
H2
H2
H2

H2
H2

H2

Structure and Dynamics of Interfacial Water — ¢ ANGELOS MICHAELIDES
A molecular view of the water interface — eMISCHA BONN

Motile cilia waves: creating and responding to flow — ePIETRO CICUTA
Cilia and flagella: Building blocks of life and a physicist’s playground
— oOLIVER BAUMCHEN

Computational modelling of the physics of rare earth - transition metal
permanent magnets from SmCo; to Nd;Fe; 4B — ¢JULIE STAUNTON
Hysteresis Design of Magnetic Materials for Efficient Energy Conver-
sion — eOLIVER GUTFLEISCH

Non-equilibrium dynamics of many-body quantum systems versus
quantum technologies — eIRENE D’AMICO

Quantum computing with trapped ions — ¢FERDINAND SCHMIDT-KALER
Breaking the millikelvin barrier in cooling nanoelectronic devices —
oRICHARD HALEY

Superconducting Quantum Interference Devices for applications at mK
temperatures — eSEBASTIAN KEMPF

Invited Talks of the joint Symposium Frontiers of Electronic-Structure Theory: Focus on Artificial

Intelligence Applied to Real Materials (SYES)
See SYES for the full program of the symposium.

SYES 1.1 Thu 15:00-15:30 H1
SYES 1.2 Thu 15:30-16:00 H1
SYES 1.3 Thu 16:00-16:30 H1
SYES 1.4 Thu 16:30-17:00 H1
SYES 1.5 Thu 17:00-17:30 HI1
Sessions

O01.1-1.1 Mon 9:30-10:15
0 2.1-2.10 Mon 10:30-13:00
0 3.1-3.8 Mon 10:30-12:45
O 4.1-4.4 Mon 10:30-11:30
O 5.1-5.9 Mon 10:30-13:00
0 6.1-6.10 Mon 10:30-13:00
071-79 Mon 10:30-13:00
O 8.1-8.8 Mon 10:30-12:45
0 9.1-9.13 Mon 15:00-18:15
O 10.1-10.7 Mon 15:00-17:30
O 11.1-11.6 Mon 15:00-16:30
O 12.1-12.12 Mon 15:00-18:00
0O 13.1-13.10 Mon 15:00-17:30
O 14.1-14.5 Mon 15:00-16:15
O 15.1-15.11 Mon 15:00-18:00
0O 16.1-16.12 Mon 18:00-20:00
O 17.1-17.12 Mon 18:00-20:00
O 18.1-18.28 Mon 18:00-20:00
0 19.1-19.10 Mon 18:00-20:00
0 20.1-20.11 Mon 18:00-20:00
O 21.1-21.5 Mon 18:00-20:00
0 22.1-22.8 Mon  18:00—-20:00

Machine-learning-driven advances in modelling inorganic materials —
oVOLKER L. DERINGER
Machine-Learning Discovery of Descriptors for Square-Net Topological
Semimetals — eEUN-AH KiM
Four Generations of Neural Network Potentials — ¢JORG BEHLER
Using machine learning to find density functionals — eKIERON BURKE
Coarse graining for classical and quantum systems — e CECILIA CLEMENTI
S054  Overview Talk Bérbel Rethfeld
H3 Ultrafast Electron Dynamics at Surfaces and Interfaces 1
H4 Focus Session: Single Atom Catalysis 1
H6 Topology and Symmetry-Protected Materials
S051  Organic Molecules at Surfaces 1: Substrate Effects
S052  Nanostructures at Surfaces 1
S053 New Methods and Developments 1: Scanning Probe Techniques 1
(joint session O/KFM)
S054  Solid-Liquid Interfaces 1: Reactions and Electrochemistry
H3 Ultrafast Electron Dynamics at Surfaces and Interfaces 2
H4 Focus Session: Single Atom Catalysis 2
H6 Electronic Structure Theory
S051  Organic Molecules at Surfaces 2: Characterization of Organic
Monolayers
S052  Nanostructures at Surfaces 2
S053 New Methods and Developments 2: Scanning Probe Techniques 2
(joint session O/KFM)
S054  Solid-Liquid Interfaces 2: Structure and Spectroscopy
P4 Poster Monday: Ultrafast Processes 1
P4 Poster Monday: Organic Molecules at Surfaces 1
P4 Poster Monday: 2D Materials 1
P4 Poster Monday: Scanning Probe Techniques 1
P4 Poster Monday: Solid-Liquid Interfaces
P4 Poster Monday: Topology and Symmetry-Protected Materials
P4 Poster Monday: Surface Structure, Epitaxy, Growth and Tribology
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Poster Monday: Nanostructures 1

Overview Talk Yang Shao-Horn

Focus Session: Atomic-Scale Characterization of Correlated
Ground States in Epitaxial 2D Materials

Surface Magnetism

Electron-Driven Processes

Organic Molecules at Surfaces 3: Theory

Metal substrates 1

Semiconductor Surfaces

Solid-Liquid Interfaces 3: Reactions and Electrochemistry

Poster Tuesday: Adsorption and Catalysis 1

Poster Tuesday: Ultrafast Processes 2

Poster Tuesday: Scanning Probe Techniques 2

Poster Tuesday: Plasmonics and Nanooptics 1

Overview Talk Hendrik Bluhm

Plasmonics and Nanooptics 1

Solid-Liquid Interfaces 4: Reactions and Electrochemistry
Tribology

Organic Molecules at Surfaces 4: Chemistry on Surfaces
Graphene: Growth, Substrate Interaction, Intercalation, and Dop-
ing

Metal substrates 2

Frontiers of Electronic Structure Theory: Focus on Artificial Intel-
ligence Applied to Real Materials 1

Focus Session: Surfaces and Interfaces of (Incipient) Ferroelectrics
(joint session O/KFM)

Focus Session: Catalysis at Liquid Interfaces

New Methods and Developments 3: Theory

Focus Session: Atomic-Scale Studies of Spins on Surfaces with
Scanning Tunneling Microscopy 1

2D Materials 1: Electronic Structure of Transition Metal Dichalco-
genides

Oxide Surfaces 1

Frontiers of Electronic Structure Theory: Focus on Artificial Intel-
ligence Applied to Real Materials 2

Poster Wednesday: Atomic-Scale Studies of Spins on Surfaces with
Scanning Tunneling Microscopy

Poster Wednesday: Adsorption and Catalysis 2

Poster Wednesday: Spins and Magnetism

Poster Wednesday: 2D Materials 2

Poster Wednesday: Organic Molecules at Surfaces 2

Poster Wednesday: Nanostructures 2

Poster Wednesday: Electronic Structure

Poster Wednesday: New Methods and Developments, Frontiers of
Electronic Structure Theory

Poster Wednesday: Plasmonics and Nanooptics 2

Overview Talk Thorsten Deilmann

Plasmonics and Nanooptics 2

Surface Reactions and Heterogeneous Catalysis 1

New Methods and Developments 4: Spectroscopies, Diffraction and
Others (joint session O/KFM)

Gerhard Ertl Young Investigator Award

2D Materials 2: Growth, Structure and Substrate Interaction
Oxide Surfaces 2

Frontiers of Electronic Structure Theory: Focus on Artificial Intel-
ligence Applied to Real Materials 3

Focus Session: Time-Resolved Momentum Microscopy

Surface Reactions and Heterogeneous Catalysis 2

Supported nanoclusters: Structure, Reactions, Catalysis

Focus Session: Atomic-Scale Studies of Spins on Surfaces with
Scanning Tunneling Microscopy 2
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5053
5054
H1
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5052
5053
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S054

2D Materials 3: hBN and Electronic Structure

Electronic Structure of Surfaces 1

Organic Molecules at Surfaces 5: Molecular Switches

Members’ Assembly

Post-Deadline Session

Overview Talk Guillaume Schull

Plasmonics and Nanooptics 3

Surface Reactions and Heterogeneous Catalysis 3

Focus Session: Atomic-Scale Studies of Spins on Surfaces with
Scanning Tunneling Microscopy 3

2D Materials 4: Heterostructures

Electronic Structure of Surfaces 2

Frontiers of Electronic Structure Theory: Focus on Artificial Intel-
ligence Applied to Real Materials 4

Overview Talk Claus M. Schneider (joint session O/CPP)

Members’ Assembly of the Surface Science Division

Thursday 19:00-19:30 H1

e Report of the Chairman

e Presentation of the Gerhard Ertl Young Investigator Award

e Miscellaneous
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O 1: Overview Talk Barbel Rethfeld

Time: Monday 9:30-10:15

Invited Talk O 1.1 Mon 9:30 S054
Laser-excited electrons: how hot are they? — eBAERBEL RETH-
FELD — Department of Physics and Research Center OPTIMAS, TU
Kaiserslautern, Germany

Hot electrons play an important role in surface science. They are re-
sponsible for the functionalization of solar cells and the emission of in-
tense THz beams, they drive chemical reactions at surfaces and are uti-
lized in biosensing methods. Excitation and decay as well as transport
of laser-excited electrons are fundamentally studied in pump-probe ex-
periments using photoemission methods.

The term “hot electrons” is, however, not well-defined. It is used
for single laser-excited electrons, for non-equilibrium electron distri-
butions, and for Fermi distributions at elevated temperature. In all

Location: S054

cases, the relaxation of such electrons towards an equilibrated situation
is of interest. Its dynamics may be complex, since several scattering
mechanisms act on different timescales. Therefore, athermal electron
distributions as well as highly excited electrons can exist much longer
than the single-electron lifetime predicts.

In this presentation, I introduce the calculation method of Boltz-
mann collision integrals, allowing to study the effect and mutual influ-
ence of different scattering mechanisms. I further show how such inter-
twined relaxation processes affect measurable macroscopic quantities
on ultrafast timescales, particularly in multiband materials. Examples
include the electrical conductivity in highly excited noble metals, spin
and charge transport in magnetically ordered systems and the non-
thermal electron-phonon coupling strength in metals and dielectrics.

O 2: Ultrafast Electron Dynamics at Surfaces and Interfaces 1

Time: Monday 10:30-13:00

O 2.1 Mon 10:30 H3
Floquet Dressing and Multiphoton Photoemission on Metal
Surfaces — o¢YUN YEN'2 and MicHAEL ScHULER? — !Condensed
Matter Theory Group, Paul Scherrer Institute, CH-5232 Villigen PSI,
Switzerland — 2Ecole Polytechnique Fédérale de Lausanne (EPFL),
CH-1015 Lausanne, Switzerland

Floquet engineering allows us to realize the control of quantum materi-
als and explore exotic properties from light-matter interaction. Along
with the development of various ultrafast experimental techniques,
non-equilibrium quantum systems have gained more interests.

Metal surfaces such as Cu(111) or Ag(111) are considered as bench-
marks for photoemission spectroscopy with nonlinear optical responses.
The interplay between Shockley surface states (SS), image potential
states (IP), and the related dressed bands can be studied with ul-
trafast pump-probe pulses. Starting from model potential, we utilize
real space time-dependent surface flux method and non-equilibrium
Green*s function to simulate the non-equilibrium dynamics on the
metal surfaces. We calculate the interferometric-time-resolved multi-
photon photoemission (ITR-mPP) spectrum. The Fourier analysis of
the simulated ITR-mpp spectrum shows the optical dressing of the
surface electronic structures. Our approach successfully reproduce the
previous experimental data, which allows us to investigate the origins
of these signatures.

O 2.2 Mon 10:45 H3
Femtosecond orbital tomography of exciton dynamics in Cgg
thin films — eG. S. Martuus JanseN!, WIEBKE BENNECKE!,
RaLF HEMMZ, ANDREAS WINDISCHBACHER®, DAVID ScHMITT!, JAN
PuiLLip Bance!, CurisTiaN KerN®, DANIEL STEIL!, SABINE STEIL!,
MAaRCEL REUTZEL!, MARTIN AESCHLIMANN2, PETER PuscHNIG3,
BENJAMIN STADTMULLER?4, and STEFAN Marnias! — 1. Physikalis-
ches Institut, Georg-August-Universitat Gottingen — 2Department of
Physics and Research Center OPTIMAS, University of Kaiserslautern
— 3Institute of Physics, University of Graz — “Institute of Physics,

Johannes Gutenberg-University Mainz

Time-resolved photoemission orbital tomography promises to be a
unique probe of out-of-equilibrium electronic wavefunctions at the
Angstrém level and with femtosecond time resolution. Particularly
interesting is the application to excitons, quasiparticles consisting of
a bound electron and electron hole that govern the opto-electronic re-
sponse of organic semiconductors. Here, we consider the prototypical
organic semiconductor Cgg, for which it has been proposed that the
exciton cascade involves the two-step decay of a delocalized charge-
transfer exciton into a localized Frenkel excitonic state. We will dis-
cuss how the combination of multi-dimensional photoemission spec-
troscopy with calculations within the many-body perturbation theory
framework of the Bethe-Salpeter equation can shed light on the real-
space femtosecond electron dynamics, and in particular show how the
delocalization of excitons in Cgg evolves on the femtosecond timescale.

O 2.3 Mon 11:00 H3

Anisotropic carrier dynamics in a laser-excited

Location: H3

Fe/(MgO)(001) heterostructure from real-time TDDFT
— eErLAHEH SHOMALI, MARKUS ERNST GRUNER, and RossiTza
PENTCHEVA — Department of Physics and Center for Nanointegration,
CENIDE, University of Duisburg-Essen, Germany

The interaction of a femtosecond optical pulse with a
Fe,,/(MgO)m (001) (n=1,3,5 and m=3,5,7) metal/oxide heterostruc-
ture is addressed using time-dependent density functional theory
(TDDFT) calculations in the real-time domain. We systematically
study electronic excitations as a function of laser frequency (around
and higher than the bulk MgO band gap). We find a marked anisotropy
in the response to in- and out-of-plane polarized light, which changes
its character qualitatively depending on the excitation energy: the Fe-
layer is efficiently addressed at low frequencies by in-plane polarized
light, whereas for frequencies higher than the MgO band gap, we find
a particularly large sensitivity of MgO-layers to cross-plane polarized
light. Moreover, the interface plays an important role, as it mediates
transitions from the valence band of MgO into the 3d states of Fe
closely above the Fermi-level and transitions from the Fe-states below
the Fermi level into the conduction band of MgO. As these transitions
can occur simultaneously without altering the charge balance of the
layers, they could potentially lead to an efficient transfer of excited
carriers into the MgO part [1]. Funding by SFB 1242, project C02, is
gratefully acknowledged. [1] E. Shomali, M. E. Gruner, R. Pentcheva,
Phys. Rev. B, in press, arXiv:2205.03178.

O 24 Mon 11:15 H3
Ultrafast electron transport across interfaces in
Au/Fe/MgO(001) heterostructures — Yasin BevaziT!, Fro-
rRIAN KUnuNE!, MaRrRkUs HECKSCHEN!, BJORN SoTHMANN!, Era-
HEH SHOMALI', MARKUS GRUNER!, Rossitza PENTCHEvVA!, PINng
Zuoul, DETLEF DiesiNG2, and eUwe BoveNnsiepEN! — 1Universitét
Duisburg-Essen, Fakultat fiir Physik, 47048 Duisburg — 2Universitét
Duisburg-Essen, Fakultét fiir Chemie, 45141 Essen

The dynamics of electronic excitations at buried interfaces is decisive
in electron transfer and carrier multiplication in heterostructures. Fol-
lowing recent developments in time-resolved two-photon photoemission
spectroscopy the relaxation dynamics of optically excited, hot electrons
can be distinguished in the individual layers of Au/Fe/MgO(001) by
analysis of the Au thickness dependent relaxation times [Beyazit et
al., PRL 125, 076803 (2020)]. Here we report on recent experimental
results and the separation of the primary, optically excited electrons
and the secondary, relaxed and propagating electron distribution. This
study is complemented by calculations using the Boltzmann transport
equation for the propagation through the Au layer and density func-
tional theory calculations resolving the interface contribution.

Funding by the Deutsche Forschungsgemeinschaft through SFB 1242
is gratefully acknowledged.

025 Mon 11:30 H3

Non-equilibrium carrier dynamics of different surface re-

constructions of Sn on SiC(0001) — eMAXIMILIAN STECHER!,

MaRria-ELisaBeTH FEDERL!, NikLas HorMaNN!, LEONARD WEIGL!,



Regensburg 2022 — O

Monday

JoHAaNNEs GRrapL!, NEErAJ MisHRA23, STIVEN Forri2, CAMILLA
CorLerTi??, and IsaBELLA Gierz! — !Department of Physics, Uni-
versity of Regensburg, 93040 Regensburg, Germany — 2Center for
Nanotechnology Innovation @QNEST, Istituto Italiano di Tecnologia,
56127 Pisa, Italy — 2Graphene Labs, Istituto Italiano di Tecnologia,
16163 Genova, Italy

Sn on SiC(0001) forms different surface reconstructions in the mono-
layer coverage regime, among them a Mott insulating phase with a
(v/(3)x1/(3))R30° structure. We grow these structures and char-
acterize them with low-energy electron diffraction (LEED), X-ray
photoemission spectroscopy (XPS), and angle-resolved photoemission
spectroscopy (ARPES). We then investigate their light-induced non-
equilibrium carrier dynamics with time- and angle-resolved photoe-
mission spectroscopy, looking for possible photo-induced phase transi-
tions and metastable transient states. These preliminary studies then
pave the way towards dynamical control of the electronic properties of
Sn/SiC(0001) via resonant excitation of the IR-active phonon modes of
the substrate that will modulate the atomic positions of the covalently
bound Sn layer coherently.

O 2.6 Mon 11:45 H3
ultrafast carrier dynamics of graphene - 2D Sn van der Waals
interface — oMARIA-ELisaABETH FEDERL!, NikLas Hormann!,
LeoNARD WEIGL!, JonanNNEs Grapr!, Tim WEHLING23, NIKLAS
Witt3, NEERAJ Misura?, CamiLa CoLeETTI*®, STIVEN FORTI?,
and IsaBELLA GIERz! — !Department of Physics, University of Re-
gensburg, 93040 Regensburg, Germany — 2Institute for Theoretical
Physics, University of Bremen, 28359 Bremen, Germany — 3Institute
for Theoretical Physics, University of Hamburg, 22607 Hamburg, Ger-
many — “Center for Nanotechnology Innovation @NEST, Instituto
Italiano di Tecnologia, Piazza San Silvestro 12, 56127 Pisa, Italy —

5Graphene Labs, Instituto Italiano di Tecnologia, 16163 Genova, Italy

The interface between epitaxial graphene and SiC(0001) is a confined
space that allows for the growth of novel two-dimensional materials
(2DMs) and thus graphene/2DM heterostructures. The electronic
properties of these heterostructures are usually more complex than
those expected from the sum of the individual layers as hybridization
between the layers opens up band gaps in the electronic structure and
produces electronic wavefunctions that are localized on both rather
than individual layers of the heterostructure. We use time- and angle-
resolved photoemission spectroscopy to reveal important differences
between the non-equilibrium carrier dynamics of quasi-freestanding
graphene and graphene proximity-coupled to a 2D metallic Sn layer
that we interpret in terms of doping, scattering phase space, and ul-
trafast charge transfer with the help of ab initio band structure calcu-
lations.

O 2.7 Mon 12:00 H3
tr-ARPES experiment with mid-infrared excitation for dy-
namical band structure engineering — eLroNARD WEIGL!,
NikLas HormaNN!, JonANNES GrRADL!, NEERAJ MisHRAZ3, STIVEN
Forti2, CaMiLLa CoLETTI?3, and IsABELLA GIERz! — !Department
of Physics, University of Regensburg, 93040 Regensburg, Germany —
2Center for Nanotechnology Innovation @QNEST, Istituto Italiano di
Tecnologia, 56127 Pisa, Italy — 3Graphene Labs, Istituto Italiano di
Tecnologia, 16163 Genova, Italy

The band structure of a solid is mainly determined by the orbital
overlap between neighboring atoms. Therefore, electronic properties
are commonly controlled via the chemical composition that determines
structural parameters such as bond angles and lengths. Recently,
control of the effective orbital overlap has been achieved by periodic
modulation of solids with strong mid-infrared (MIR) light fields. The
ideal probe for investigating driving-induced band structure changes is
time- and angle-resolved photoemission spectroscopy (tr-ARPES). We
have built a tr-ARPES setup that combines a strong-field wavelength-
tunable MIR pump source with extreme ultraviolet probe pulses pro-
viding access to the band structure of driven solids across the complete
first Brillouin zone with sub 100meV energy and sub 250fs temporal
resolution. We present first results on driven graphene, analyze the
MIR pump-induced carrier dynamics, and discuss the possible forma-
tion of photon-dressed states. The excellent performance of the setup
now paves the way for the future investigation of light-induced super-
conductivity as well as light-induced topological phase transitions.

0O 2.8 Mon 12:15 H3
Anisotropic response to optical excitations in naturally lay-
ered delafossite PACoO> from time-dependent DFT — eMIKE

J. BRUCKHOFF, MARKUs E. GRUNER, and RossiTza PENTCHEVA —
Faculty of Physics and Center of Nanointegration, CENIDE, Univer-
sity of Duisburg-Essen, 47048 Duisburg, Germany

In the framework of time-dependent density functional theory
(TDDFT), we investigate the layer-resolved dynamics of the electronic
structure of the metallic delafossite PACoO2 after optical excitations.
PdCoO2 can be conceived as a natural multilayer system consisting
of highly conductive Pd layers separated by insulating CoOg octahe-
dra. We calculate the responses to optical pulses with two polarization
directions, multiple frequencies, different pulse durations and laser flu-
ences within the real-time approach (RT-TDDFT) and compare the re-
sults to optical absorption spectra obtained within the linear-response
regime (LR-TDDFT). We observe a strong anisotropy of the electronic
response to different polarization directions and particular frequencies
of the incident electric field, which corresponds to the strong anisotropy
visible in the absorption spectra. In particular, we see a significant
charge redistribution and time-dependent changes of occupation num-
bers, which depend on the orbital character of the involved d-orbitals.
Analogies to previous studies for a Fe;/(MgO)3(001) heterostructure
[1] are discussed. Funding by DFG within SFB1242 is gratefully ac-
knowledged.
[1]: M. E. Gruner and R. Pentcheva, Phys. Rev. B 99, 195104 (2019)
029 Mon 12:30 H3
Far-from-equilibrium electron-phonon interactions in
optically-excited graphene — eMarco MEgrBoLDT!, MARTEN
DuveL!, JaN PHiLipP Bance!, MICHAEL STELLBRINK!, HANNAH
StraucH!, KLaus Pierz?, HANs WERNER SCHUMACHER2, DAvooD
MowmeNI2, DANIEL STEILY, G. S. MaTTHIIS JANSENY, SABINE STEIL!,
Dino Novko®, STEraN Maruias!, and MarceL Reurzer! — 1L
Physikalisches Institut, Georg-August-Universitat Gottingen, Got-
tingen, Germany — 2Physikalisch-Technische Bundesanstalt, Braun-
schweig, Germany — 3Institute of Physics, Zagreb, Croatia

Comprehending far-from-equilibrium many-body interactions is one
major goal of current ultrafast condensed matter physics research. A
particularly interesting but barely understood situation occurs during
strong optical excitation, where electron and phonon systems are sig-
nificantly perturbed from their equilibrium and cannot be described
by Fermi-Dirac or Bose-Einstein distributions, respectively.

Here, we use time- and angle-resolved photoelectron spectroscopy
(trARPES) to study such situation for the prototypical material
graphene. We show that upon optical excitation, it exhibits a complex
non-equilibrium many-body response by evaluating the Dirac state
linewidth and thus the imaginary part of the quasiparticle self-energy
Im¥ from spectrally deconvoluted trARPES data. By employing first-
principles theoretical modeling, we find that the observed experimen-
tal features are caused by ultrafast NEQ scatterings between optical
phonons and photoexcited charge carriers, active on timescales well
below 100 fs. Diivel, Merboldt et al., Nano Letters, accepted.

O 2.10 Mon 12:45 H3
Coherent Time-Resolved Above-Threshold Plasmoemission
from the Au(111) Shockley Surface State — ePascAL DREHER,
Davip JaNOscHKA, ALEXANDER NEUHAUS, MIcHAEL HORN-vON
HoEecgeN, and FrRANK MEYER zU HERINGDORF — Faculty of Physics,
University of Duisburg-Essen, 47048 Duisburg, Germany

Strong nonperturbative interactions of an intense driving light field
with the electronic band structure in a solid can result in exotic ma-
terial properties that do not exist under equilibrium conditions. For
suitable driving conditions, Floquet theory predicts that the originally
unperturbed electronic structure is modified by the formation of light-
dressed electron states in strong fields. Observing such dressing re-
quires electronic state resolution as well as precise control over the
intense periodic driving field to overcome intrinsic dissipation and de-
coherence in the solid.

Here, we explore nano-focusing of femtosecond surface plasmon po-
lariton (SPP) pulses on flat surfaces as a possible route towards strong-
field control over electronic states within a solid using time- and
angle-resolved photoemission spectromicroscopy. We observe above-
threshold electron emission from the Au(111) Shockely surface state
by the absorption of up to seven SPP quanta. Two-dimensional time-
resolved photoelectron spectroscopy using a birefringent delay line pro-
vides us with direct access to the coherent and incoherent dynamics
of the electron emission process with attosecond precision. The pre-
sented results clearly indicate the coherent nature of the interaction of
the intense SPP nano-focus with the band structure of the material.
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O 3: Focus Session: Single Atom Catalysis 1

The field of single atom catalysis has emerged rapidly in recent years out of the desire to utilize less
and less precious metals, and remarkable successes have been reported in thermo-, electro-, and photo-
catalysis. While much of the early focus was on establishing synthesis routes to achieve atomic dispersion,
it has become clear that "single atom" systems cannot be considered as the smallest possible nanoparti-
cle. Because isolated adatoms are stabilized by chemical bonds to the support, they have much more in
common with mononuclear complexes used in homogenous catalysis. Thus, the focus has now changed
towards understanding the role of coordination of the active site, and developing ways to tailor it toward
specific processes. This has led to much interest in fundamental work, which opens up a tremendous
opportunity for surface science to contribute to a hot topic in catalysis.

Organizer: Gareth Parkinson (Technical University Vienna), Matthias Meier (University of Vienna)

Time: Monday 10:30-12:45

Topical Talk O 3.1 Mon 10:30 H4
Rational design of single atom electrocatalysts: handle with
care — e GIANFRANCO PaccHIoNI — Dipartimento di Scienza dei Ma-
teriali, Universita Milano-Bicocca, Milano, Italy

One of the objectives of electronic structure theory is to predict chem-
ical and catalytic activities. This is a challenging target due to the
large number of variables that determine the performance of a hetero-
geneous catalyst. The complexity of the problem has reduced consider-
ably with the advent of single atom catalysts (SAC) and, in particular,
of graphene-based SACs for electrocatalytic reactions such as the oxy-
gen reduction (ORR), the oxygen evolution (OER) and the hydrogen
evolution (HER) reactions. In this context we assist to a rapidly grow-
ing number of theoretical studies based on density functional theory
(DFT) and of proposals of universal descriptors that should provide
a guide to the experimentalist for the synthesis of new catalysts. In
this talk we critically analyze some of the current problems connected
with the prediction of the activity of SACs based on DFT: accuracy
of the calculations, neglect of important contributions in the models
used, physical meaning of the proposed descriptors, inaccurate data
sets used to train machine learning algorithms, not to mention some
severe problems of reproducibility. It follows that the ’rational design’
of a catalyst based on some of the proposed universal descriptors or of
the DFT screening of large number of structures should be considered
with great caution.

0 3.2 Mon 11:00 H4

Single atom co-catalyst dispersion on KTaO3 (001) by surface
polarity compensation. — eAJj1 ALEXANDER!, JEsUs REpoNDO!,
DoMminik WRANA!, LukAs Fusek!, VIKTOR JoHANEK!, JOSEF
MysLivEGEK!, and MARTIN SETVIN'2 — 1 Department of Surface and
Plasma Science, Faculty of Mathematics and Physics, Charles Univer-
sity, Prague, Czech Republic — Z2Institute of Applied Physics, TU

Wien, Vienna, Austria

Redox chemistry on perovskite surfaces attracts attention due to these
materials* promising catalytic properties, good ability to separate
electron-hole pairs in light-harvesting, and the presence of ferroelec-
tricity in many perovskites. This work focuses on enhancing catalytic
activity achieved by activating the perovskite surface with extrinsic
metals. Combined STM/AFM measurement together with XPS data
shows the tendency of the cobalt atoms to disperse in the form of sin-
gle adatoms on the polarity uncompensated KTaO3 (001) surface [1].
The interaction of cobalt with KTO surfaces was studied under various
reducing and oxidizing conditions, as well as a function of tempera-
ture. This, in turn, will allow characterization of the metallic, oxide,
and hydroxide phases of cobalt in dependence on the environment.
The work was supported by projects GACR 20-21727X and GAUK
Primus/20/SCI/009. [1] M. Setvin, M. Reticcioli, F. Poelzleitner et
al., Science 359, 572 (2018)

0 3.3 Mon 11:15 H4
Comparison study of different transition metals on two TiO2
model supports: anatase TiO2(101) and rutile TiO2(110)

— eLENA PunTscHER!, KEVIN DANINGER!, PANUKORN SoMmBuUT!:2,

MatTHiAS MEIER?, MicHAEL ScuMID!, CesaArRE FranchiNi?, Ur-
RIKE DiesoLD', and GARETH S. PArkiNson! — lInstitute of Ap-
plied Physics, TU Wien, Austria — 2Faculty of Physics, University of

Vienna, Vienna, Austria

Single-atom catalysis (SAC) offers an opportunity to minimize the
amount of precious catalyst material required for traditional heteroge-

Location: H4

neous catalysis and to heterogenize reactions presently requiring homo-
geneous catalysis. Unravelling how metal atoms bind to oxide supports
is crucial for a better understanding of the SACs catalytic properties.
Using STM and XPS, we compare the adsorption geometry and sta-
bility of several transition metals (Pt, Rh, Ir and Ni) on TiO2 model
supports: anatase TiO2(101) and rutile TiO2(110), and the influence
of water on the dispersion of these systems. While most of the metals
rapidly sinter on both surfaces, there are a few exceptions: Ir forms
stable adatoms on the anatase support. Ni is much more dispersed
when water vapor is added to the deposition and a very low coverage
of Pt single atoms can be stabilized in oxygen vacancies formed on ru-
tile (110), which are only stable in UHV conditions. This study points
out the importance of metal-support interaction and the surprisingly
different behaviour of the transition metals on TiO2 model supports.

O 3.4 Mon 11:30 H4
Methane Activation by Free Tantalum Cluster Cations:
When the Atomic System is Different — eMARTIN T'SCHURL,
Jan EckHArD, and UeLt Heiz — Physical Chemistry, Department
of Chemistry and Catalysis Research Center, Technical University of
Munich

The efficient conversion of methane into valuable chemicals represents
a challenge in chemistry in general. It also carries the potential of
becoming a key technological process, given the availability of the sub-
stance from fossil, as well as agricultural, sources. Despite decades of
research, only steam reforming is used today on commercially relevant
scales. Nevertheless, the interest in the topic remains steadily strong,
in particular in heterogeneous catalysis. Studies of ion-molecule reac-
tions have already provided substantial contributions to the field and
enabled the identification of fundamental reaction pathways and key
properties governing them. We use of this approach in order to reveal
pathways and reaction kinetics in the C-H bond activation in methane.
This way, we comprehensively elucidate the size-dependent reactivity
of different cluster cations of tantalum - a metal, which has already
been noted as a prospective candidate in the activation of C-H bonds.
One of our main finding, in the combined experimental and theoreti-
cal study, reveals a significant difference in the reaction of single atoms
compared to that of larger clusters. The single atom is the only size
that facilitates an often-desired C-C coupling, which further suggests
a possible intrinsic benefit of single atoms over clusters in the catalytic
conversion of methane.

O 3.5 Mon 11:45 H4
Assessing the environmental benefit of palladium-based
single-atom heterogeneous catalysts for Sonogashira coupling
— eDar1o Faust AkL!, Dario Poier2, SHARON MITCHELL!,
RoGER MARTI?, GoNzaLO GUILLEN-GosALBEZ!, and JAVIER PEREZ-
Ramirez! — lInstitute of Chemical and Bioenginnering, ETH Zurich,
Switzerland — 2ChemTech, HEIA Fribourg, Switzerland

The Pd-Cu catalyzed Sonogashira coupling of terminal alkynes and
aryl halides is a cornerstone organic transformation. A cradle-to-gate
life cycle analysis (LCA) reveals a two orders of magnitude potential
improvement in process footprint when replacing an organometallic Pd
catalyst with a heterogeneous analogue. The latter could be easily sep-
arated permitting full Pd recovery and catalyst reuse. Heterogeneous
catalysts based on isolated metal atoms (single-atom catalysts, SACs)
demonstrate promising potential to synergize the benefits of solid and
molecular catalysts for efficient Pd utilization. By anchoring Pd atoms
on nitrogen-doped carbon we achieve full recovery of the metal, al-
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lowing catalyst reuse over multiple cycles. A hybrid process using the
Pd-SAC with a homogeneous Cul cocatalyst is more productive than a
fully heterogeneous bimetallic Pd-Cu SAC, which deactivates severely
due to copper leaching. In some scenarios, the LCA-based metrics
demonstrate the process footprint of the hybrid SAC system is leaner
than the purely homogeneous counterpart already upon single reuse.
Combining LCA with experimental evaluation could guide the design
of reusable catalysts for more sustainable organic transformations.

O 3.6 Mon 12:00 H4
Nature of the active species in low-temperature CO oxida-
tion over Pt-CeO2 model catalysts — @ ALEXANDER SIMANENKO!,
MaxiMILIAN KasTENMEIER!, Lusia PiLiar?, ToMAS SkALaZ, YULIIA
KosTo?, NaraLiya Tsup2, SascHA MEHL3, MYKHAILO VOROKHTAZ,
Iva MaroLiNovA2, YarosLava Lykuacu!, and Jore LiBupal —
IFriedrich-Alexander-Universitit Erlangen-Niirnberg, Erlangen, Ger-
many — 2Charles University, Prague, Czech Republic — 3Elettra-

Sincrotrone Trieste SCpA, Basovizza-Trieste, Italy

The low-temperature CO oxidation has wide applications in energy
production and exhaust gas cleaning. Pt-CeO2 catalysts with high Pt
content allow achieving 100% CO conversion below room temperature.
We investigated the nature of active sites on Pt-CeO2 catalysts un-
der the conditions of low-temperature CO oxidation by means of syn-
chrotron radiation photoelectron spectroscopy, resonant photoemission
spectroscopy, and near ambient pressure XPS. Model Pt-CeO2 systems
were prepared by reactive physical vapor co-deposition and annealed
in UHV or O2 in order to obtain different types of platinum species
on the surface. These included mainly Pt2+ species accompanied by
a small number of Pt4+ species that were reduced to Pt2+ or metallic
Pt during annealing. Exclusively, stable Pt4+ species were formed on
a thick Pt-CeO2 catalyst with high Pt content after annealing in oxy-
gen at NAP conditions. The results of our study showed that there is
no reduction or oxidation of the Pt-CeO2 catalysts by CO below 450
K. These observations suggest that low-temperature CO oxidation on
Pt-CeO2 catalyst does not follow a Mars-Van Krevelen mechanism.

O 3.7 Mon 12:15 H4
Adsorption sites and thermal stability of Pt adatoms on
Fe203(1102) — eAL1 RarsaNJaNt ABBasl, FLORIAN KRAUSHOFER,
LeENA HAAGER, MoriTz EDER, JIRI PAVELEC, GIADA FRANCESCHI,
MicHELE Riva, MicHAEL ScHMID, ULRIKE DIEBOLD, and GARETH S.

PArRkINSON — Institute of Applied Physics, TU Wien, Austria

Oxide-supported Pt catalysts offer superior performance because of
their high activity and/or selectivity for many important chemical re-
actions. However, the high cost of Pt and its susceptibility to CO
poisoning are two drawbacks to its role as a catalyst. Downsizing cat-
alyst clusters to single atoms is an effective way to reach maximum
efficiency, and so-called “single-atom catalysis” is now an important
field of research [1]. Nevertheless, stabilizing single Pt atoms on oxide
supports without compromising catalytic activity is still a key chal-
lenge. Here, we present a surface science study to investigate the local
binding environment of Pt adatoms deposited on Fe2O3(1102) — (1 x 1)
under UHV conditions. Extensive STM and XPS studies at different
Pt surface coverages on FezO3(1102) revealed that Pt single atoms are
highly stable at room temperature. STM images showed that Pt sin-
gle atoms are adsorbing at two distinct sites with different apparent
heights. Through an atom-by-atom analysis, the relative contributions
of two types of Pt adsorption sites were determined for different sur-
face coverages. Moreover, thermally induced sintering of the Pt single
atoms is traced by means of XPS and STM.
[1] G. S. Parkinson, Catal. Lett. 149, 1137 (2019).

O 3.8 Mon 12:30 H4
Comparison of Single Metal Atoms on a Fe203 Model Sup-
port — eCARETH PARKINSON!, ALl RAFSANJANI-ABBASI!, LENA
PunTscHER!, FLORIAN KRAUSHOFER!, PANUKORN SoMBUT!, CHUN-
LEr Wanc!, MarTaias MEeER!2, Moritz EpEr!, Jirt PaveLec!,
Gi1apa FraNcescHI', MicHELE Rival, MicHAEL ScHMID!, CESARE
FrancHINIZ 3, and ULrIKE DieBoLp! — 'TU Wien, Vienna, Austria
— 2University of Vienna, Vienna, Austria — 3Universita di Bologna,
Bologna, Italy

Understanding how the local environment of a ”single-atom” catalyst
affects stability and reactivity remains a significant challenge. Fe203
is the most common iron-oxide support material utilized for SAC, but
little is known about how metal adatoms bind at its surfaces. In this
talk, I will compare and contrast the behavior of Pt, Rh, and Ir atoms
on the flat, well-ordered (1x1) termination of Fe203(1-102). Using a
combination of scanning probe microscopy and spectroscopic data, as
well as theoretical calculations, I will demonstrate significant differ-
ences between the adsorption site and thermal stability of the metals,
as well as differences in their interaction with water and CO.

O 4: Topology and Symmetry-Protected Materials

Time: Monday 10:30-11:30

O 4.1 Mon 10:30 H6
Tracing a Weyl Nodal Line in 3D-k-space via ARPES —
oTmm FicceMEIER!, MaximiLiaN UnzeLMann!, PuiLipp Eck?2, Ja-
KUB ScHUsseR!, JENNIFER NEU®4, THEO SIEGRIST®'®, DOMENICO DI
SANTE®, Gioraio Sanciovanni?, HENDRIK BENTMANN! und FRIED-
rRICH REINERT! — 1EP VII, Universitat Wiirzburg, Germany — 2TP
1, Universitat Wiirzburg, Germany — 3SNHMFL, Tallahassee, FL, US
— “4Nuclear Nonproliferation Division, ORNL, Oak Ridge, Tennessee
37831, US — SFAMU-FSU, Tallahassee, FL, US — SCenter for Com-
putational Quantum Physics, Flatiron Institute, New York 10010, US

In contrast to the more conventional Dirac nodal lines, Weyl nodal
lines (WNL) are only twofold-degenerate and this degeneracy is ro-
bust against strong spin-orbit coupling [1]. The occurance of WNL
is guaranteed by the combination of a glide plane and time-reversal
symmetry (TRS).

In this talk we will present a soft x-ray angle-resolved photoemission
(ARPES) study where we will trace a WNL in 3D k-space throughout
the Brillouinzone over a wide range of photon energies. The experi-
mental results are compared to density functional and photoemission
calculations. By utilizing dichroic ARPES experiments, we will moreo-
ver address the characteristics of the electronic wave functions around
the WNL.

[1] M. Hirschmann et al.; Symmetry-enforced band crossings in te-
tragonal materials: Dirac and Weyl degeneracies on points, lines, and
planes; Phys. Rev. Mat 5; 054202 (2021)

O 4.2 Mon 10:45 H6

Momentum space signatures of Berry flux monopoles

Location: H6

in a Weyl semimetal — eMaxiMiLIAN UnzeLMann®3 Tim
FicceMEIERY3, PuiLipp Eck?3, BEGMUHAMMET GELDIYEV!3,
Domenico D1 Sante?3, Giorcio Sanciovanni?3, HENDRIK

BenTMANND3, and FriEDRICH REINERT!*3 — ! Experimentelle Physik
7, Universitit Wiirzburg — 2Theoretische Physik 1, Universitit

Wiirzburg — 3Wiirzburg-Dresden Cluster of Excellence ct.qmat

An intriguing property of Weyl semimetals (WSM) is that they feature
topologically protected crossings of the spin-polarized valence and con-
duction bands in their three-dimensional bulk band structure. These
crossing points — the Weyl points (WP) — can be considered as 'mag-
netic’ monopoles, which, however, are not located in real space but
rather in momentum space. The topological (monopole) character
manifests itself in the momentum-dependence of the electronic wave
functions, which is investigated in the paradigmatic WSM TaAs, us-
ing bulk-sensitive soft X-ray angle-resolved photoelectron spectroscopy
combined with spin-resolved measurements and circular dichroism
(CD) [1]. The latter addresses the local orbital angular momentum
(OAM), which exhibits a non-trivial winding around the WP, similar to
the Berry curvature, i.e., the k-space magnetic field. The momentum-
dependent modulation of the OAM around the WP — observed in den-
sity functional theory calculations and CD-ARPES — thus denotes a
direct signature for the Berry flux monopoles in TaAs.
[1] M. Unzelmann et al., Nat. Commun., 12, 3650 (2021)

O 4.3 Mon 11:00 H6
Lifting the Spin-Momentum Locking in Ultra-Thin
Topological Insulator Films — ARTHUR LEIs!, JONATHAN
HorMANN', MICHAEL SCHLEENVOIGT?, VasiLy CHEREPANOV!, FE-

Lix Lupke!, PETER ScHUFFELGEN?, GREGOR MUSSLER?, DETLEV
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GRUTZMACHER?, e BERT VoIGTLANDER!, and F. STeErFAN TauTz! —

IPeter Griinberg Institut (PGI-3), Forschungszentrum Jiilich, 52425
Jiilich, Germany — ?Peter Griinberg Institut (PGI-9), Forschungszen-
trum Jiilich, 52425 Jiilich, Germany

3D topological insulators are known to carry 2D Dirac-like topological
surface states in which spin-momentum locking prohibits backscat-
tering. When thinned down to a few nanometers, the hybridization
between the topological surface states at the top and bottom surfaces
results in a topological quantum phase transition, which can lead to
the emergence of a quantum spin Hall phase. Here, the thickness-
dependent transport properties are studied on the example of BiS-
bTe3 films, with a four-tip scanning tunneling microscope. The find-
ings reveal an exponential drop of the conductivity below the critical
thickness. The steepness of this drop indicates the presence of spin-
conserving backscattering between the top and bottom surface states,
effectively lifting the spin-momentum locking and resulting in the open-
ing of a gap at the Dirac point. Moreover, we probe the edge state con-
ductance these films. The experiments provide a crucial step toward
the detection of quantum spin Hall states in transport measurements.

O 4.4 Mon 11:15 H6

Simultaneous AFM and STM measurements of native point

O 5: Organic Molecules at
Time: Monday 10:30-13:00

Topical Talk O 5.1 Mon 10:30 S051
Molecular nanostructures on metals vs. graphene — eMEIKE
STOHR — Zernike Institute for Advanced Materials, University of
Groningen, Netherlands

To preserve the (functional) properties of either individual adsorbates
or well-ordered molecular assemblies upon adsorption on solid sur-
faces, the molecule substrate interactions have to be generally rela-
tively weak. This can be achieved by introducing a decoupling layer
between (metallic) surface and molecules. Among others, graphene
has been shown to be a good choice towards this end due to its low
density of states around the Fermi level [1]. For two different organic
molecules, the similarities and changes will be discussed when adsorbed
on metals and graphene, respectively [2]. In the second part, the for-
mation of chevron-like graphene nanoribbons (GNRs) using Ullmann-
type coupling will be presented in dependence of the substrate used.
[3] While for Cu(111) and Ag(110) 1D metal-coordinated polymers
were obtained GNR formation was successful on Au(111). The elec-
tronic properties of the GNRs were observed to display both a length
and symmetry dependence. References: [1] S. Maier et al., Beilstein
J. Nanotechnol. 12 (2021) 950. [2] J. Li et al., J. Phys. Chem. C
123 (2019) 12730; J. de la Rie et al., J. Phys. Chem. C accepted. [3]
T.A. Pham et al., Small 13 (2017) 1603675; R.S.K. Houtsma et al.,
submitted.

0 5.2 Mon 11:00 S051
Emergence of a singly-occupied state of p-terphenyl-based
thiols bound to sulphur defects on MoS2/Au(111) — eJ. Rika
Smmon!, Dmitrir MaksiMov?, Juan PaBLo GUERRERO FELIPE!,
PauL WIECHERs!, CHRISTIAN LoTzE!, ANA M. VALENCIAS#, CATE-
rRINA Coccur®4, BiorN KoBiN?, STEFAN HEcHT?, MARIANA Rossi?,
and KATHARINA J. FRANKE! — !Freie Universitit Berlin, Germany
— 2MPI for the Structure and Dynamics of Matter, Hamburg, Ger-
many — 3Carl von Ossietzky Universitit Oldenburg, Germany —
4Humboldt-Universitit zu Berlin, Germany

The combination of transition-metal dichalcogenides (TMDCs) and or-
ganic molecules into hybrid inorganic-organic systems is a field gath-
ering much interest in recent years. The use of submonolayers of the
TMDC MoS> as a decoupling layer in an STM junction is already well
established and allows highly resolved dI/dV spectra. But 2D mate-
rials also have drawbacks: Their properties are highly dependent on
their local structure, because defects influence their properties severely.
Here we utilise these defects by anchoring the thiol-based molecule
CF3-3P-SH (trifluoromethyl-p-terphenyl-thiol) into purposely created
top-layer sulphur point defects in MoS2 on Au(111). One end-group
of the anchored molecule is bound to the defect, allowing it to rotate
around the anchoring point. On such molecules we observe a Kondo
resonance. Ab initio molecular dynamics simulations show the emer-

Defects in the topological insulator BisSe3 — eCHRISTOPH
SETESCAK, ALEXANDER LIEBIG, ADRIAN WEINDL, and Franz J.
GiessiBL — Institute of Experimental and Applied Physics, University
of Regensburg, Regensburg, Germany

The main properties of topological insulators (TIs) can be derived from
the fact that their band structure is "twisted" compared to normal in-
sulators, leading to the creation of gapless states at the surface. To
observe these states and make them viable for application in novel tech-
nologies it is crucial that the materials delicate electronic structure is
not disturbed by defects. So far, experimental characterization of the
native point defects relies on scanning tunneling microscopy (STM)
and accompanying density functional theory [1]. Here, we present si-
multaneous atomic force microscopy (AFM) and STM measurements
of surface and subsurface defects in BiaSe3. We find not only rarely-
observed single Se surface vacancies, but also larger defects that are
composed of multiple surface vacancies. The AFM channel further-
more allows us to determine the relative relaxation of surface atoms in
proximity of subsurface defects and to determine the polarity of surface
defects by means of Kelvin probe force spectroscopy. This is especially
valuable as surface Se vacancies contribute to unwanted charge doping
of the TI. [1] J. Dai et al., PRL 117, 106401 (2016)

Surfaces 1: Substrate Effects

Location: S051

gence of a singly-occupied molecular state near Er depending on the
configuration of the molecule with respect to the surface, which in turn
gives rise to the observed Kondo resonance.

O 5.3 Mon 11:15 S051
Electron spin resonance of iron-phthalocyanine molecules on
a surface — eCHRrRisSTOPH WoOLF!'2, XUE ZHANG?3, YU Wanch?,
PurLip WiLLke?, ANprEAs J. HEINrRIcHD® | and TAEYoUNG CHOI® —
LCenter for Quantum Nanoscience, Institute for Basic Science (IBS),
Seoul, Republic of Korea — 2Ewha Womans University, Seoul, Re-
public of Korea — 3Institute of Spin Science and Technology, South
China University of Technology Guangzhou, China — 4Physikalisches
Institut, Karlsruhe Institute of Technology, Karlsruhe, Germany —
5Department of Physics, Ewha Womans University, Seoul, Republic of
Korea.

The combination of the high energy resolution of electron spin res-
onance (ESR) and high spatial resolution of the scanning tunneling
microscope (STM) resulted in a novel probe with unparalleled capa-
bilities for the study of surface physics.

In this work, we present the first application of this tool to molecules
by ESR-STM spectroscopy of iron-phthalocyanine (FePc) molecules on
thin layers of the insulator magnesium-oxide deposited on silver. Here,
I will focus on the insight gained by combining density functional the-
ory (DFT) and ESR-STM experiment. I will highlight successes and
shortcomings of DFT by discussing electronic states of single FePc
molecules as well as the interaction between FePc dimers at the neV
energy scale.

Finally, I will give an outlook on quantum coherent properties
of FePc based on pulsed ESR measurements and a non-equilibrium
Green’s function model.

O 5.4 Mon 11:30 S051
Mapping of resonant excitation channels of Cgy/Cu(111)
sample system through multiphoton polychromatic momen-
tum microscopy — eMARTIN Mitkov!, RaLr Hemm!, ToBIias
FeuerBacH!, AarRoN GEBERT!, FLoriaN Haac!, Ka Man Yul,
MARTIN AESCHLIMANNY, and BENJAMIN STaDTMULLER!:2 — 1TU
Kaiserslautern and Research Center OPTIMAS, Erwin-Schrdodinger
Str. 46, 67663 Kaiserlsautern, Germany — 2Institut fiir Physik,
Johannes-Gutenberg-Universitat Mainz, Mainz 55128, Germany

Mapping the excited states of organic molecular thin films is of cru-
cial importance for understanding the optical and transport properties
of organic materials. Here, we present a multiphoton photoemission
study of the excited states of the Cgg/Cu(111) interface for photon
energies between 1.80 €V and 3.35 eV. Characteristic changes in the
photoemission spectra for different photon energies allow us to deter-
mine the energetic positions of the excited states. In addition, we fo-
cus on the momentum-dependent photoemission pattern of the excited
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molecular states. The latter reveals distinct periodicities and symme-
tries based on the molecular orbitals involved in the optical excitation
process. Altogether, this information will allow us to disentangle reso-
nant intramolecular excitations from the Cu surface state. This allows
us to uncover the photon energy-dependent excitation pathways of
charge carriers at the Cgo/Cu(111) interface.

O 5.5 Mon 11:45 S051
Disentangling the Complex Electronic Structure of an Ad-
sorbed Nanographene: Cycloarene C108 — eJOSE MARTINEZ-
CasTro!, RusTEM BoraT!, Qitanc Fan?, StmoNn WERNERZ, HaDI
AREFI', TANER Esat!, JORG SUNDERMEYER2, CHRISTIAN WAGNER!,
J. MicHAEL GOoTTFRIED?, RUusLaN TEMIROV!3, MARKUS TERNES!#,
and F. STeran Taurz! — IPeter Griinberg Institut (PGI-3),
Forschungszentrum Jiilich, 52425 Jiilich, Germany — 2Department of
Chemistry, Philipps-Universitat Marburg, 35032 Marburg, Germany
— 31I. Physikalisches Institut, Universitit zu Kéln, 50937 Kéln, Ger-
many — *II. Institute of Physics, RWTH Aachen University, D-52074
Aachen, Germany.

We combine low-temperature scanning tunneling spectroscopy, CO
functionalized tips and algorithmic data analysis to investigate the
electronic structure of the molecular cycloarene C108 (graphene nanor-
ing) adsorbed on a Au(111) surface. We demonstrate that CO func-
tionalized tips enhance the visibility of molecular resonances, both in
differential conductance spectra and in real-space topographic images.
Comparing our experimental data with ab-initio density functional the-
ory reveals a remarkably precise agreement of the molecular orbitals
and enables us to disentangle close-lying molecular states only sep-
arated by 50 meV at an energy of 2 eV below the Fermi level. We
propose this combination of techniques as a promising new route for a
precise characterization of complex molecules and other physical enti-
ties which have electronic resonances in the tip-sample junction.

O 5.6 Mon 12:00 S051
Tuning of structure of cyano-porphyrin self-assemblies on
surfaces: from metals to bulk insulators — MAXIMILIAN

AmMon!, MiruNnaLINT DeEvaRAJULUL, YT Liul, MARTIN GURRATHZ,

DoMINIK LUNGERICH®, eBINBIN Dal, Norerr Jux®, BERND
MEYER?, and SABINE Marer! — !Department of Physics, FAU
Erlangen-Niirnberg, Erlangen, Germany. — 2Interdisciplinary Cen-

ter for Molecular Materials and Computer Chemistry Center, FAU
Erlangen-Niirnberg, Erlangen, Germany. — SLehrstuhl fiir Organis-
che Chemie II, FAU Erlangen-Niirnberg, Erlangen, Germany.

We discuss the adsorption and binding motifs in self-assembled Zn-
pCNTPP networks on Au(111), KBr(001), and MgO(001) using low-
temperature STM and nc-AFM combined with DFT. Zn-CNTPPs
adopt a planar adsorption geometry with the macrocycle parallel to
the surface on all three surfaces and assemble in well-ordered islands.
While a global minimum structure is found on KBr due to a strong
CN- - - K interaction, multiple and energetically nearly equivalent ad-
sorption sites occur on MgO and Au. Therefore, commensurate ad-
sorption is suggested on KBr, while optimizing the molecule-molecule
interactions over molecule-surface interactions is more important on
MgO and Au, which the STM and nc-AFM data experimentally ev-
idence.[1] However, since the interaction of porphyrins with Au(111)
is stronger than on MgO(001), the phenyl rings are more inclined to-
ward the surface, resulting in larger unit cells on Au(111) and also the
binding motif of the cyanophenyl groups changes.

[1] Ammon, M. et al., Surface Science, 723, 122097, 2022.

O 5.7 Mon 12:15 S051
Comparing adsorption of triphenylene derivatives: metallic

vs. graphitic surfaces — eJoris DE LA Rie!, MiHAELA ENAcHE!,

QiankuN Wancl, WenBo Lul, Nico ScamipT!, MiLan KivaLaZ2,
and MEIKE STOHR! — 1Zernike Institute for Advanced Materials, Uni-
versity of Groningen — 2Institute of Organic Chemistry, University of

Heidelberg

Thin films of organic molecules show great promise for applications
in future (nano)electronic devices, such as solar cells, light emitting
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diodes and transistors. A major factor in the performance of these
films is the interface between substrate and molecular film. The inter-
facial properties depend on the balance between intermolecular and
molecule-substrate interactions. Herein, we present a comparative
study on self-assembled monolayers (SAMs) of a triphenylene-based
donor molecule (HAT') on three substrates: Ag(111), graphene/Ir(111)
and graphene/Ni(111). We studied the structure of the SAMs by
means of scanning tunneling microscopy and low-energy electron
diffraction, and their interaction with the substrates by X-ray and ul-
traviolet photoelectron spectroscopy. On each substrate, HAT formed
a close-packed hexagonal network that is commensurate with the sub-
strate. From the photoelectron spectroscopy measurements we only
found a weak (physisorptive) interaction between molecules and sub-
strates. This goes against the established belief for SAMs on metal sur-
faces, where commensurate networks are principally formed on strongly
interacting surfaces where the molecules chemisorb.

O 5.8 Mon 12:30 S051
The Number of KCI layers counts:
Thickness dependent Growth of Quinacridone on KCI on
the Ag(100) surface — eNikLas HumBeRrG!, REm1 BrRETEL?, and
MoriTz SokoLowski' — Institut fiir Physikalische und Theoretische
Chemie der Universitét Bonn, Germany — 2University of Paris-Saclay,
Institut des Sciences Moléculaires D’Orsay, France

The epitaxial growth of the prochiral molecule quinacridone (QA) on a
insulating KCl layer on the Ag(100) surface was investigated by STM.
If QA is deposited onto a complete KCl layer, then the growth of QA
structures is strongly dependent on the thickness of the KCI layer.
For small amounts of QA on thin KCI layers small domains of parallel
molecular chains were observed. The structure of these chains is identi-
cal to the chains that were previously observed on the Ag(100) surface.
However, the repulsive substrate mediated interaction between neigh-
boring chains that was observed on the Ag(100) surface cannot be
observed on such KCI layers. Interestingly, depositing larger amounts
of QA on such KCI layers leads to the formation of three-dimensional
chain-like structures that show some similarities with the bulk crystal
structures of QA.

Contrary to this, on thick KCI layers on the Ag(100) surface that
are five or more monolayers high dewetting of the molecules and a for-
mation of three-dimensional QA clusters was already observed for very
small amounts of QA. These effects are explained by the interaction
between the QA molecules and the silver substrate which still plays a
role for thin layers but is suppressed by thick KCI layers.

0 5.9 Mon 12:45 S051
Growth of chiral heptahelicene molecules on ferromagnetic
Co and Fe thin-film substrates — eMoHAMMAD REzA SAFARI,
Frank MarTHES, DANIEL E. BURGLER, and CLAUS M. SCHNEIDER
— Peter Griinberg Institut (PGI-6), Forschungszentrum Jiilich, 52425
Jilich, Germany

The discovery of chirality-induced spin selectivity effects [1,2], which
result from an interaction between the electron spin and the hand-
edness of chiral molecules, has sparked interest in surface-adsorbed
chiral molecules due to potential applications in spintronics, enan-
tioseparation, and chemical sensing. Here, we report growth studies of
chiral heptahelicene molecules on two monolayers Fe on W(110), Co
bilayer nano-islands on Cu(111), and for comparison on Cu(111) by
low-temperature spin-polarized scanning tunneling microscopy. In all
cases, the molecules remain intact, adsorb in a flat configuration, and
exhibit specific in-plane orientations that reflect the symmetry of the
substrate lattices. The Co and Fe layers remain out-of-plane magne-
tized after molecular adsorption. In addition, we are able to determine
the helicity of individual molecules adsorbed on the highly reactive Fe
and Co surfaces in a similar manner as previously reported for the
less reactive Cu(111) surface [3]. These observations pave the way for
further investigations of CISS effects in well-defined molecule-substrate
systems on the single-molecule scale as a basis for theoretical modeling.

[1] B. Gohler et al., Science 331, 894 (2011). [2] K. Banerjee-Ghosh
et al., Science 360, 1331 (2018). [3] K.-H. Ernst et al., Nano Lett. 15,
5388 (2015).
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O 6.1 Mon 10:30 S052
Autonomous non-contact molecular manipulation of
nanocars based on reinforcement learning — eBERNHARD
R. Ramsauer!, GrRanT J. SiMpsoN?, LEONHARD GRILLZ, OLIVER
T. HorMmanN!, and ANDREAs JEINDL! — lInstitute of Solid State
Physics, NAWI Graz, Graz University of Technology, Petersgasse 16,
8010 Graz, Austria — 2Institute of Chemistry, NAWI Graz, University
Graz, Heinrichstrafe 28/IV, 8010 Graz, Austria

At the world’s first race of nanocars at the CEMES-CNRS, in France,
participants had to direct a nanocar across a specific *racetrack® [1]. In
order to control their nanocar, they have to manipulate it via an STM-
tip, without being in direct contact with the nanocar. The physics that
govern the molecule*s movement and rotation is complex and involves
the interaction between the tip and the molecule as well as the molecule
and the substrate [2|. Thus, it requires time and effort for humans to
be able to maneuver a molecule with a reasonable success rate. How-
ever, predicting the outcome of a performed action is unintuitive and
often hard to predict for humans. Therefore, we developed an artifi-
cial intelligence (AI) based on reinforcement learning (RL) and show
how it can be implemented to manipulate single molecules. The Al
utilizes an off-policy learning algorithm known as Q-Learning. Our re-
sults can be the basis for more sophisticated techniques of non-contact
molecular manipulations. This allows to identify and manoeuvre single
molecules at will, building the basis for future bottom-up constructions
of nanotechnology. [1] G. Rapenne et al., Nature Rev. Mater. 2, 17040
(2017) [2] G. J. Simpson et al., Nature Nanotech. 12, 604 (2017)

0 6.2 Mon 10:45 S052
Constructing covalent organic nanoarchitectures molecule
by molecule via scanning probe manipulation — QiGaNG
ZnoNG'2, ALEXANDER IHLE!2, SEBASTIAN AHLEs?3, HERMANN A.
WEeGNER?3, ANDRE ScHIRMEISEND2) and eDaniEL EBreLiNg!:? —
Hnstitute of Applied Physics, Justus Liebig University Giessen, Ger-
many. — 2Center for Materials Research, Justus Liebig University
Giessen, Germany. — 3Institute of Organic Chemistry, Justus Liebig
University Giessen, Germany

Constructing low-dimensional covalent assemblies with tailored size
and connectivity is challenging yet often key for applications in molec-
ular electronics where optical and electronic properties of the quantum
materials are highly structure dependent. We present a versatile ap-
proach for building such structures block by block on bilayer sodium
chloride (NaCl) films on Cu(111) with the tip of an atomic force mi-
croscope, while tracking the structural changes with single-bond res-
olution. Covalent homo-dimers in cis and trans configurations and
homo- /hetero-trimers were selectively synthesized by a sequence of de-
halogenation, translational manipulation and intermolecular coupling
of halogenated precursors. Further demonstrations of structural build-
up include complex bonding motifs, like carbon-iodine-carbon bonds
and fused carbon pentagons. This work paves the way for synthesizing
elusive covalent nanoarchitectures, studying structural modifications
and revealing pathways of intermolecular reactions.

Nature Chemistry 13, 1133-1139 (2021)

0 6.3 Mon 11:00 S052
Electronic and magnetic properties of an on-surface synthe-
sized 2D metal organic framework — eAwmiNa Kimoucug!-2,
RoBerTO RoBLES?, NoEMI CONTRERAS!, DANIEL Ruiz!, and ArTor
Mucarzal? — lInstitut Catald de Nanociéncia i Nanotecnologia,
Barcelona, Spain — 2Institut fiir Physik und Astronomie, Univer-
sitdt Potsdam, Potsdam, Germany — 3Centro de Fisica de Materi-
ales CFM/MPC (CSIC-UPV/EHU), Donostia-San Sebastian, Spain —
4ICREA Instituci6é Catalana de Recerca i Estudis Avancats, Barcelona,
Spain
2D MOFs constitute a new class of designer materials where the co-
existence of Dirac electrons and flat bands can lead to rich physical
phenomena and to the realization of quantum phases such as topolog-
ical or quantum anomalous Hall insulators.

Following the concepts of coordination chemistry, based on a surface-
assisted self-assembly of the metal and organic components, we have
carried out synthesis of Iron-hexaiminotriphenylene (HITP) MOFs on
Au(111) substrate and characterized their electronic structure using
scanning tunnelling spectroscopy (STS). On the other hand, ab-initio
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calculations of the observed structures indicate the presence of strong
ferromagnetic interactions that persist under the influence of the Au
substrate, indicating that the interaction with the Au substrate stabi-
lizes even further the FM state on Fe3(HITP)2. We relate such strong
magnetic interactions to the formation of a radical spin at the ligand
that mediate the inter-ionic interactions.

O 6.4 Mon 11:15 S052
Host guest chemistry and supramolecular doping in
triphenylamine-based covalent frameworks on Au(111l) —
CHRISTIAN STEINER!, Lukas Fromm2, JuLiAN GEBHARDT?, YI
Liv!, ALExANDER HEIDENREICH?, NATALIE HAMMER?, e HEXI1A SHI!,
ANDREAS GORLINGZ, MiLaN KivaLa®, and SABINE MaIler! —
IDepartment of Physics, Friedrich-Alexander Universitit Erlangen-
Niirnberg, Erlangen, Germany — 2Department of Chemistry and
Pharmacy, Friedrich-Alexander Universitat Erlangen-Nirnberg, Er-
langen, Germany — 3Organisch-Chemisches Institut & Centre for Ad-
vanced Materials, Ruprecht-Karls-Universitdt Heidelberg, Heidelberg,
Germany

We report the host-guest interaction in triphenylamine-based
covalently-linked macrocycles and networks on Au(111) using low-
temperature scanning tunneling microscopy in combination with
density-functional theory. Triphenylamine precursors formed macrocy-
cles and 2D networks featuring carbonyl- and hydrogen-functionalized
pores, creating preferred adsorption sites for trimesic acid (TMA) and
halogen atoms. TMA binds through hydrogen bonds to the carbonyl
sites while halogens selectively adsorb between two carbonyl groups at
Au hollow sites. Band structure calculations reveal that TMA adsorp-
tion reduces the electronic band gap of the triphenylamine covalent
frameworks due to charge transfer, while the interaction of the halo-
gens leads to a slight downshift of the bands.[1].
[1] Steiner, C. et al. Nanoscale, 2021, 13, 9798-9807.

0 6.5 Mon 11:30 S052
Carbon-carbon coupling on inert surfaces via a radical depo-
sition source - proof-of-concept, challenges and perspective —
oeGiaNLUcA GaLeorTi! and MaRrkuUs LackiNgErR!'2 — lDeutsches
Museum, Museumsinsel 1, 80538 Munich, Germany — 2Technische
Universitdt Miinchen, James-Franck-Str. 1, 85748 Garching, Germany

The realization of one-atom thin C-C-bonded nanostructures is an on-
going challenge of nanotechnology. Those are, however, almost exclu-
sively synthesized on metal surfaces, taking advantage of the catalytic
activity to lower the required temperature for monomer activation be-
low the desorption threshold. The development of methods for the
direct synthesis on inert and insulating surfaces would be a milestone
in the field, enabling studies of nearly unperturbed covalent nanostruc-
tures with unique electronic properties, such as graphene nanoribbons
and-conjugated 2D polymers. Here, we will describe the development
of a Radical Deposition Source (RaDeS) for the direct deposition of
radicals onto inert surfaces for subsequent coupling into C-C bonded
polymers. The radicals are generated en route by indirect deposition of
halogenated precursors through a heated reactive tube, where the de-
halogenation reaction proceeds. As a model system for inert surfaces,
we use Ag(111) passivated with a closed monolayer of chemisorbed io-
dine. We will first illustrate the proof-of-concept with the synthesis
of poly-para-phenylene from iodinated terphenyl precursors. Subse-
quently, we show how this approach can be used to overcome limita-
tions of the conventional on-surface synthesis imposed by desorption,
opening additional pathways for the synthesis of nanostructures.

O 6.6 Mon 11:45 S052
Carbon-based low-dimensional materials from first principles
— oNikLAS ENDERLEIN, ROLAND GILLEN, SABINE MAIER, and JANINA
MavurrzscH — Friedrich-Alexander-Universitat Erlangen-Niirnberg

Bottom-up synthesis of carbon-based networks from molecular precur-
sors offers a promising path to material design, where the structural,
electronic, optical and vibrational properties, in principle, can be tai-
lored through the choice of the precursor structures and functionaliza-
tion. Prominent examples for this method are chevron-type graphene
nanoribbons with defined topology [1] and highly controllable nitrogen
incorporation [2], or multifunctional nanoporous graphene [3|. Con-
sidering the vast number of possible carbon-based networks, density
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functional theory (DFT) is a powerful tool for the preselection and
design of promising molecular precursors based on the computational
prediction of their intrinsic physical properties.

In this spirit, we present the results of recent DFT simulations on po-
tentially interesting carbon-based networks that lend themselves to on-
surface bottom-up synthesis through Ullmann coupling of well-defined
molecular precursors. We show how the electronic properties are sig-
nificantly affected by the network topology and the structure of the
molecular building blocks, potentially giving rise to novel phenomena.
Our results inspire further efforts in the direction of molecular precur-
sor design.

[1] Y. Lee et al., Nano letters 18.11, 7247-7253 (2018)

[2] C. Bronner et al., Angewandte Chemie 125.16, 4518-4521 (2013)

[3] C. Moreno et al., Science 360.6385, 199-203 (2018)

0 6.7 Mon 12:00 S052

Covalently linked molecules as 1D materials — eSAMUEL Vas-
coNCELOS and MICcHAEL RoHLFING — University of Miinster

We performed first-principles calculations to address the problem of
the formation and characterization of covalently linked structures with
molecules as building blocks. We show that upon pressure a re-
hybridization process takes place which leads to one-dimensional com-
pounds resembling nanothreads, in which carbon atoms are all 4-fold
coordinated and possess remarkable mechanical properties. We show
that for porphyrins, the resulting 1D nanostructures have metallic
character. Moreover, in the case of porphyrin-metal complexes, we
find that the covalently linked structures may be a platform for the
stabilization of straight metallic wires. We extend the methodology
for the kekulene family, that throughout the same processes forms sp3
nanotubes.

0 6.8 Mon 12:15 5052

Peierls distortion and charge density waves in novel exfo-
liable 1D materials — eCHiaRA CIGNARELLA', DaviDE Campi2,
and NicoLa Marzari! — 'THEOS and MARVEL, EPFL, Lausanne,

Switzerland — 2Universita di Milano Bicocca, Milano, Italy

One-dimensional materials are extremely attractive due to their unique
electronic properties and potentialities in next-generation applications.
A high-throughput screening has provided a portfolio of more than 800
novel 1D/quasi-1D materials exfoliable from the 3D Van der Waals
compounds, out of which we select a dataset of metallic chains as possi-
ble candidates for vias and interconnects. Often, their low-dimensional
nature leads to dynamical instabilities in the form of Peierls distortions
or charge density waves (CDW), which drive structural phase transi-
tions at finite wavevectors. Here, we analyse the stability of this novel
class of materials, identifying the reconstructed stable superstructure
from the phonon modes. In order to get more insight into the mech-
anism of the CDW, we then investigate the nesting function and the
critical role of the electron-phonon coupling, still unexplored in real
quasi-1D systems.

0 6.9 Mon 12:30 S052
Emulating organic molecular orbitals with artificial atoms on
a surface — oE. SierpA, D. BaprrDINOV, B. KirALY, E. J. KNOL,
X. Huang, M. I. KarsnELsoN, G. C. GROENENBOOM, D. WEGNER,
M. ROsNER, and A. A. KHAJETOORIANS — Institute for Molecules
and Materials, Radboud University, Nijmegen, The Netherlands

Bottom-up strategies to emulate the orbital structure of organic com-
pounds is an exciting prospect, especially for molecules that are com-
plex, unstable or hard to isolate, e.g. cyclobutadiene or triangulene.
A successful implementation of such an emulator requires creating and
coupling artificial atoms with multi-orbital character and possibility
for orbital hybridization, on a platform that does not couple to the
emulated structure. We emulate the electronic structure of planar or-
ganic molecules, using coupled, bottom-up constructed quantum dots
(QDs) composed of atomic ions. We illustrate that compact clusters of
ions, created via atom manipulation, exhibit a well pronounced state,
localized within the semiconductor bulk band gap. For a pair of such
QDs, we observe two states and identify them as bonding and anti-
bonding via spatial maps. Linear chains of QDs exhibit emulated linear
combinations of atomic orbitals with both s- and p-like character. Fur-
thermore, we construct artificial structures resembling sp2-hybridized
organic molecules. A rich electronic structure with pronounced states
is found in tunneling spectroscopy. By comparing their spatial maps
with quantum-chemical simulations of the organic compound, we can
identify the states as emulated organic orbitals, providing evidence for
sp2 hybridization present in the artificial structures.

0O 6.10 Mon 12:45 S052
Substrate-mediated polymorphism in monolayer self-
assembly at liquid-solid interfaces — eArasn Bapami Bensar!,
Worrcanc Heckn'2, MicuaeL SoumitTeL?, and MARKUS
LackINGER!"2 — 1Technical University of Munich, James-Franck-Str.
1, 85748 Garching, Germany — 2Deutsches Museum, Museumsinsel 1,
80538 Munich, Germany — 3Universitit Siegen, Adolf-Reichwein-Str.

2, 57068 Siegen, Germany

Scanning-Tunneling Microscopy (STM) studies of molecular self-
assembly at liquid-solid interfaces require atomically flat, chemically
inert, and electrically conductive substrates, hence are almost exclu-
sively carried out on graphite. Here, we demonstrate that Au (111)
passivated with a monolayer of chemisorbed iodine (I-Au(111)) consti-
tutes a viable alternative for fundamental studies. By using aromatic
homologues of tricarboxylic acids as a versatile model system, and by
a direct comparison between graphite and I-Au (111), we experimen-
tally study and demonstrate the decisive influence of molecule-surface
interactions. We present three cases of a novel substrate-mediated
polymorphism. On I-Au(111), we consistently find polymorphs with
lower packing density and optimized intermolecular binding-a clear in-
dication for diminished molecule-surface interactions. This hypothesis
was corroborated by probing the monolayer’s thermodynamic stability
in variable temperature STM experiments.

O 7: New Methods and Developments 1: Scanning Probe Techniques 1 (joint session O/KFM)

Time: Monday 10:30-13:00

Topical Talk O 7.1 Mon 10:30 S053
Identification of active electrocatalytic centers using EC-
STM under reaction conditions — eALIAKSANDR BANDARENKA
— Technical University of Munich, Department of Physics, James-
Franck-Str 1, 85748 Garching bei Miinchen, Germany

Identification of so-called active electrocatalytic centres can be very
complicated under reaction conditions. In many cases, electrochemi-
cal scanning tunnelling microscopy can be efficiently used to do so by
comparing the tunnelling noise in the presence and the absence of the
electrocatalytic reactions. I the presentation, I will discuss examples,
which deal with finding the active sites at the surface of various elec-
trodes for hydrogen evolution, oxygen reduction, and oxygen evolution
reactions. Pt, HOPG, Pt-alloys, and transition metal oxides are used
as the model systems.

O 7.2 Mon 11:00 S053
Coherent Noise Removal for Scanning Probe Microscopy —
JENS OPPLIGER, DANYANG Liu, and eFABIAN DoNAT NATTERER —
Department of Physics, University of Zurich, Winterthurerstrasse 190,
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CH-8057, Switzerland

Despite the best efforts to isolate the weak signals in scanning probe
microscopes from sources of noise, white and coherent noise remain ma-
jor nuisances. While the presence of Gaussian white noise can be han-
dled with temporal averaging, the influence of high-QQ coherent noise,
such as coming from ground-loops or mechanical resonances, is less
straightforward to delete when rastering along the surface. Such noise
leads to characteristic streaks and spurious Bragg peaks in the Fourier
transform of two-dimensional data. Here we demonstrate a straight-
forward method to remove coherent noise using data-labelling and
exemplify its working for quasiparticle interference and topographic
imaging.

O 7.3 Mon 11:15 S053
General, Strong Impurity-Strength Dependence of Quasipar-
ticle Interference — eSeunc-Ju Honc!, Jae-Mo Linm'23 and
Curor-Hwan Park!:2:3 — 1Department of Physics and Astronomy,
Seoul National University, Seoul 08826, Korea — 2Center for Corre-
lated Electron Systems, Institute for Basic Science, Seoul 08826, South
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Korea — 3Center for Theoretical Physics, Seoul National University,
Seoul 08826, South Korea

Quasiparticle interference patterns induced by impurities contain in-
formation about electronic structures in momentum space. In this pre-
sentation, we show that the interpretation of quasiparticle interference
patterns is not trivial and needs special care. Even in the simple case
of a single-site impurity on the square lattice, the pattern is strongly
dependent on the strength of impurity potential. For example, the
wave vector with the strongest scattering differs by about 16% in spin-
dependent JDOS and exact QPI computations. We also showed that
this dependence can be analyzed by decomposing the pattern into the
impurity-dependent T-matrix part and momentum-dependent Green
function part. We applied our formalism to TaAs, an archetype Weyl
semimetal with first-principles calculations. We find that the strong
dependence on impurities is also present in TaAs. Thus, our work
demonstrates that these quasiparticle interference patterns must be
analyzed with care and needs more attention.

Reference [1] S.-J. Hong, J.-M. Lihm, and C.-H. Park, J. Phys.
Chem. C 2021, 125, 13, 7488-7494

O 7.4 Mon 11:30 S053
Real-space sub-femtosecond imaging of quantum electronic
coherences in molecules — MaNisH GARG', e ALBERTO MARTIN-
JimenEz!, MicHELE P1saRrRAZ, YanG Luo!, FERNANDO MARTIN?®4
and Kraus Kern':® — 'Max Planck Institute for Solid State Re-
search, Stuttgart, Germany — 2Instituto Madrilefio de Estudios Avan-
zados en Nanociencia (IMDEA Nano), Madrid, Spain — 3Universidad
Autonoma de Madrid (UAM), Madrid, Spain — “4Condensed Matter
Physics Center (IFIMAC), Universidad Auténoma de Madrid, Madrid,
Spain — SInstitut de Physique, Ecole Polytechnique Fédérale de Lau-
sanne, Lausanne, Switzerland

Tracking electron motion in molecules is the key to understand and
control chemical transformations. Contemporary techniques in at-
tosecond science have the capability to generate and trace the con-
sequences of this motion in real time, but not in real space. Scan-
ning tunnelling microscopy (STM), on the other hand, can locally
probe the valence electron density in molecules, but cannot provide
by itself dynamical information at this ultrafast time-scale. Here we
show that, by combining STM and attosecond technologies, quantum
electronic coherences induced in molecules by < 6 femtosecond long
carrier-envelope-phase (CEP) stable near-infrared laser pulses can be
directly visualized with angstrom-scale spatial and sub-femtosecond
temporal resolutions. We demonstrate concurrent real-space and real-
time imaging of coherences involving the valence orbitals of perylenete-
tracarboxylic dianhydride (PTCDA) molecules, and full control over
the population of the involved orbitals.

O 7.5 Mon 11:45 S053
Femtosecond Tip-Enhanced Coherent Anti-Stokes Raman
Spectroscopy of a Single Graphene Nanoribbon — eYanc
Luo!, ALBERTO MARTIN-JIMENEZ!, MaNisH Garc!, and KrLaus
KEerN12 — IMax Planck Institute for Solid State Research, Stuttgart,
Germany — 2Institut de Physique, Ecole Polytechnique Fédérale de

Lausanne, Lausanne, Switzerland

By integration of ultrashort laser pulses with a scanning tunneling
microscope (STM) one can study the electronic and carrier dynamics
with very high spatial and temporal resolution. Nevertheless, molecu-
lar vibrational modes at the single-molecule level are difficult to track,
owing to the lack of energy resolution. To overcome this barrier, we
have now integrated a local spectroscopic tool, combining ultrafast
laser pulses with an STM-based tip-enhanced Raman spectroscopy
(TERS). By performing TERS with femtosecond laser pulses, we have
tracked vibrational coherences and phonon dephasing dynamics in a
single graphene nanoribbon (7-GNR). The decoherence time (T2/2 ~
440 fs) of the phonons in a GNR has been obtained from the time-
resolved coherent anti-Stokes Raman spectra. Temporal evolution of
vibrational coherences (beatings) between different phonon modes in
the GNR has been measured, which evolve on time scales as short as
7 100 fs. This work lays the foundation for investigating intramolecu-
lar vibrational coherences and vibronic dynamics with utmost spatial,
temporal and energy resolutions, simultaneously.

O 7.6 Mon 12:00 S053
Coherent phonon spectroscopy on the nanoscale — Suuyr Livl,
ApNaN Hammup!, Ikutaro Hamapa?, MARTIN WoLF!, eMELANIE
MuOLLER!, and Takasar Kumacar® — 1Fritz-Haber-Institut, Berlin,
Germany — 2College of Materials Science and Engineering, Hunan,
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China — SInstitute for Molecular Science, Okazaki, Japan

Coherent phonon (CP) spectroscopy is a powerful tool to monitor ul-
trafast lattice dynamics under nonequilibrium conditions, providing
insight into microscopic interactions that dictate macroscopic mate-
rial properties. In imperfect crystals, the excitation and relaxation
of CPs will be susceptible to the nanoscale environment, calling for
real-space observation of ultrafast lattice dynamics. We demonstrate
nanoscale coherent phonon spectroscopy by means of ultrafast laser-
induced scanning tunneling microscopy (STM) in a plasmonic junction.
Comparison of the CP spectra with tip-enhanced Raman spectroscopy
allows us to identify the involved phonon modes. In contrast to the
Raman spectra, the relative CP intensities exhibit strong nanoscale
spatial variations, which correlate with changes in the local density
of states recorded via scanning tunneling spectroscopy. Our work in-
troduces a new approach to study the ultrafast structural response at
solid surfaces using optical STM.

O 7.7 Mon 12:15 S053
Construction of a dry low temperature STM — eSiMON
GERBER! and WuLr WULFHEKEL2 — 1Physikalisches Institut, Karl-
sruhe Institute of Technology — 2Physikalisches Institut, Karlsruhe
Institute of Technology

Driven by rising helium prices, we design a dry, low temperature Scan-
ning Tunneling Microscope with a closed helium cycle. We designed a
compact dry four stage cryostat with an integrated dilution refrigerator
which is cooled using helium from a 400 mW cold head. The STM is
connected to the dilution refrigerator and allows measurements down
to millikelvin temperatures. The system is mechanically decoupled
at several points to minimize vibrations from the cold head reaching
the STM. The microscope is positioned inside a split-coil magnet with
magnetic fields up to 4T. Optical Access to the STM is possible in the
parked position and allows fast tip and sample exchange. The tips and
samples can then be prepared under UHV conditions. The complete
cryostat and and the STM are home-built.

O 7.8 Mon 12:30 S053
Probing tunneling processes into YSR states with mi-
crowaves — eJaNis SiEBRECHT!, Haonan Huanc!, Piotr Kot!,
Susoy Karan!, CiprRIAN PaDpURARIUZ, BiORN KuBaLAZ, JOACHIM
ANKERHOLD?, ALFREDO LEVY YEYATI3, JUAN CaARLOs CUEvAS3, and
CHRISTIAN R. Ast! — !Max-Planck-Institut fiir Festkérperforschung,
Stuttgart, Germany — 2Institut fiir Komplexe Quantensysteme and
IQST, Universitit Ulm, Ulm, Germany — 3Departamento de Fisica
Tedrica de la Materia Condensada and Condensed Matter Physics Cen-
ter (IFIMAC), Universidad Auténoma de Madrid, Madrid, Spain

Microwaves are an important tool in the manipulation of multi-level
systems such as single spins on a surface, nitrogen vacancies in dia-
mond or double quantum dots. Here we use a scanning tunneling mi-
croscope (STM) at a base temperature of 0.56 K to probe the intrinsic
YSR states in a Vanadium tip in contact with a V(100) surface. The
addition of an E-Band (60-90 GHz) microwave antenna at the junction
opens the possibility to study the behavior of YSR states with AC
driving- a scenario which has been subject to many theoretical but
very few experimental studies. Using microwave-assisted tunneling,
we gain insight into how the excited state participates in the tunnel-
ing process and how this is related to Andreev processes and parity
conservation. Our results point at a new path, namely microwave ma-
nipulation of YSR states, which could be an important step towards
using YSR states as qubits.

O 7.9 Mon 12:45 S053
Compressed fingerprint spectroscopy based on scanning mi-
croscopy — eBERND KASTNER!, MANUEL MARSCHALL!, ARNE
Hoenr!, ANDReEA HoRNEMANN!, GErD WUBBELER!, SELMA
MEeTzNER!, P1oTR PaTOKAZ, ECcKART RUHL2, and CLEMENS ELSTER!
— !Physikalisch-Technische Bundesanstalt, Berlin, Germany — 2Freie

Universitat Berlin, Germany

The infrared spectral region between 400 and 4000 cm~! is called the
fingerprint region, because the absorption features are unique to in-
dividual organic substances. Such a spectrum usually contains many
peaks, making it difficult to link individual peaks to the substance.
Consequently, the spatial mapping of substances requires spectral
imaging, where at each point in space a complete spectrum needs to
be recorded. Usually this can be achieved by spectrometers equipped
with array detectors. Recently, scanning methods based on the optical
nearfield and local thermal expansion with nanoscale spatial resolu-
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tion have been developed allowing sub-diffraction spectral imaging.
However, the inherently serial recording severely limits their imaging
application due to long acquisition times involved and the resulting
stability issues. In this work we demonstrate different strategies to

O 8: Solid-Liquid Interfaces 1:

Time: Monday 10:30-12:45

Topical Talk O 8.1 Mon 10:30 S054
Dynamic structure changes of bare and modified Cu(111)
during CO and water activation — eANDREA AUER!, NicoLAs
HORMANNZ, MIE ANDERSEN®, KARSTEN REUTERZ, and JuLia KUNZE-
LieBHAUSER! — !Institute of Physical Chemistry, University of Inns-
bruck, Austria — 2Fritz-Haber-Institut der Max-Planck-Gesellschaft,
Berlin, Germany — 3Aarhus Institute of Advanced Studies, Denmark

CO is a key intermediate in the electro-oxidation of energy carrying
fuels. Single-crystal Cu(111) model catalysts efficiently electro-oxidize
CO in alkaline media, under strong and continuous surface structural
changes that lead to simultaneous strengthening of the CO and weak-
ening of the OH binding, which makes the observed high activity pos-
sible.

Cu(111) modified with Ni(OH)2 and Co(OH)2 reveals strong mor-
phological changes upon adatom deposition, which lead to a significant
enhancement in the rate of the alkaline hydrogen evolution reaction
(HER), one of the most important processes in the development of
hydrogen-based energy conversion devices. Adatom modification in-
fluences the charge distribution at the solid/liquid interface by a de-
crease of the electric field strength negative of the potential of zero
charge. This implies an easier reorganization of the interfacial water
molecules facilitating charge transfer trough the double layer. The
tendency of Cu(111) to restructure is found to dominate its electro-
chemical properties. The structural changes of the electrode surface
are intimately related to the electric field at the solid/liquid interface
and to its electrocatalytic activity, in general.

0 82 Mon 11:00 S054
Cu(111) reconstruction and oxidation imaged in oxygen free
alkaline media with electrochemical scanning tunneling mi-
croscopy — eToni Moser, ANDREA AUER, and Juria Kunze-
LieBHAUSER — Department of Physical Chemistry, University of Inns-
bruck, Innrain 52c, Innsbruck, Austria

Cu has recently gained attention due to its capability to efficiently
oxidize CO at low overpotentials!]. However, the structural evolu-
tion of the surface at anodic potentials causing initiation of oxide for-
mation under complete exclusion of oxygen has yet to be fully un-
derstood. While Cu(111) oxidation has previously been studied with
electrochemical scanning tunneling microscopy (EC-STM), investiga-
tions without atmospheric oxygen and without contamination from
dissolved glassware in alkaline media are sparse. Recent results indi-
cate a significant delay in the anodic formation of CuzO in completely
deaerated alkaline electrolyte, which indicates a significant impact of
dissolved O2 on the oxidation of copper surfaces. In this work, we focus
on the in-situ investigation of hydroxide adsorption on and oxidation of
Cu(111) via EC-STM, eliminating atmospheric oxygen by conducting
the experiments inside an Ar-filled glove box. The delayed formation
of an amorphous oxide layer at anodic potentials and subsequent re-
duction processes at cathodic potentials, where a smoothening of the
surface can be observed, as well as new insights into the hydroxide
adsorption structure are presented.

[1] A. Auer, M. Andersen, E.-M. Wernig, N. G. Hérmann, N. Buller,
K. Reuter & J. Kunze-Liebhéuser, Nat Catal 3, 797-803 (2020).

0 8.3 Mon 11:15 S054
Enhanced Field Effects at Protruding Defect Sites in Elec-
trochemistry? — A Theoretical Evaluation — eSiMeEON D.
BeinLicHb2, Nicoras G. Hormann!, and KarRsTEN REUTER! —
IFritz-Haber-Institut der Max-Planck-Gesellschaft, Berlin, Germany
— 2Technical University of Munich, Munich, Germany

Does electrochemistry at protruding surfaces sites differ significantly
from that at ideal low-index surfaces? Intuitively, classical electro-
statics suggest a local field enhancement at protruding sites. In this
case, a dipole-field-like picture would suggest a pronounced potential-
dependence of adsorption energies at such sites.

significantly reduce the measurement time in spectral imaging mea-
surement by compressing the measurement combined with a low-rank
matrix reconstruction. Several examples from different fields of appli-
cation will be discussed.

Reactions and Electrochemistry
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Here, we evaluate these dependencies for various adsorbates on vic-
inal Pt(111) surfaces using first-principles calculations in combination
with a fully grand canonical approach [1]. Our results show an en-
hancement of the local electric field at pristine surfaces. However, it
is lifted upon adsorption and hence does not cause the anticipated
stronger field-effects. Nevertheless, we observe dramatic variations in
the potential-dependence which can be rationalized from the differ-
ences in surface dipoles that form upon adsorption. These correlate
with site coordination showing a consistent trend across adsorbates
and adsorption sites.

We rationalize these findings and discuss how the adsorption be-
havior changes on defect-rich, undercoordinated surfaces in an electro-
chemical environment.

[1] S.D. Beinlich et al., ACS Catal. 12 6143-6148 (2022)

O 84 Mon 11:30 S054
Vapor adsorption on carbon nanomembranes (CNMs) — eEN-
NEerrta Kuayyva, PETR DEMENTYEV, and ARMIN GOLZHAUSER — Fac-
ulty of Physics, Bielefeld University, 33615 Bielefeld, Germany

Intrinsically porous carbon nanomembranes (CNMs) demonstrate
promising mass transfer properties with respect to separation of liquids
and gases. To complement the permeation studies with CNMs, we in-
troduce a spectroscopic experiment for probing adsorption of vaporous
substances on their surface under ambient conditions. Polarization-
modulation infrared reflection absorption spectroscopy (PM IRAS) is
used to quantify the number of adsorbed species with the help of inno-
vative calibration approaches, including azeotropic mixtures and im-
mobilization in a polymer matrix. Water and alcohols are found to
readily condense on supported CNMs yielding liquid-like interfaces.
The results are consistent with the vapor permeation rates measured
in free-standing CNMs.

O 85 Mon 11:45 S054
Investigating Zirconium Nitride Cathodes for the Electro-
chemical Nitrogen Reduction Reaction — eTEODOR APETREI,
SASWATI SANTRA, VERENA STREIBEL, and IAN D. SHARP — Walter
Schottky Institut, Technische Universitdt Miinchen, Garching, Ger-
many

The electrochemical nitrogen reduction reaction (NRR) can convert ni-
trogen to ammonia at ambient conditions. The most critical factor to
activate N2 is to cleave the N-N triple bond. Transition metal nitrides
have been proposed as electrocatalysts for the NRR, with computa-
tional studies predicting that N-N bond cleavage can be facilitated
via a Mars-van-Krevelen mechanism. Herein, we experimentally test
this prediction by investigating sputter-deposited ZrN thin films for
the NRR. Our investigations indicate that small amounts of ammonia
are indeed produced when pristine ZrN thin films are used as NRR
cathodes. However, we also observe nitrogen loss and electrochemi-
cal instabilities, which could indicate a sacrificial rather than catalytic
role of ZrN. Hence, to accelerate the rate-limiting N-N bond splitting
step and facilitate nitrogen replenishment, we anchor Fe SACs onto
ZrN. Our preliminary results indicate that high-temperature attach-
ment of Fe SACs leads to overall smaller current densities. However,
electrochemical measurements and comparative XPS and XRD stud-
ies of the pre- and post-NRR samples suggest an increased nitrogen
stability within the Fe-modified ZrN films and improved electrochem-
ical stability. Whether this Fe-modification also facilitates N-N bond
dissociation and boosts the NRR activity is currently investigated.

O 8.6 Mon 12:00 S054
Towards Understanding Platinum Degradation: Modelling
the Growth of Nanoislands — eFRANCESC VALLS MASCARO!,
Marc T.M. Koper!, and MaRceL J. Rost? — lLeiden Institute
of Chemistry, Leiden University — 2Huygens-Kamerlingh Onnes Lab-

oratory, Leiden Institute of Physics, Leiden University

Platinum is the catalyst of choice in many electrochemical energy con-
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version systems like fuel cells due to its superior activity. However,
the stability of platinum catalysts is limited under fuel cell operation
conditions. This degradation process has been extensively studied by
cyclic voltammetry and inductively coupled plasma mass spectrometry
(ICP-MS) [1, 2]. The origin of this degradation is most likely linked
to the roughening of the surface due to the nucleation and growth of
platinum nanoislands (3, 4, 5, 6]. In this work, we model, fully ana-
lytically and with the support from electrochemical data, the growth
of these nanoislands on Pt(111) in perchloric acid. The model here
presented successfully describes the surface growth taking place dur-
ing the oxidation-reduction cycling. Different parameters such as the
flux of adatoms and vacancies were obtained from the fittings between
the model and the experimental data.

References: [1] Topalov, A. et al., Chem. Sci., 5, 631 (2014) [2]
Sandbeck D.J.S. et al., ACS Appl. Mater. Interfaces, 12, 25718 (2020)
[3] Jacobse, L. et al., Nat. Mater. 17, 277 (2018) [4] Jacobse, L. et
al., ACS Cent. Sci. 5 (12), 1920 (2019) [5] Rost, M.J. et al., Nat.
Commun. 10, 5233 (2019) [6] Ruge, M. et al., J. Am. Chem. Soc.,
139, 4532 (2017)

0 8.7 Mon 12:15 S054
Exploring the Limits of Mean-Field Theory in Model-
ing Thermodynamic Cyclic Voltammograms — eNicoLAs
BercMANN, Nicoras G. HOrMANN, and KARSTEN REUTER — Fritz-
Haber-Institut der Max-Planck-Gesellschaft, Berlin, Deutschland

Mean-field theory (MFT) is at the heart of many approaches to sim-
ulate materials. Recently, MFT has been used to model thermody-
namic cyclic voltammograms (CVs) [1], a standard electrochemical ex-
periment. However, its accuracy limitations in this context remain
unclear.

Here, we outline our general ansatz to derive mean field models for
thermodynamic CVs based on ab initio DFT calculations of a wide
variety of adsorbate configurations [1]. To derive continuous MFT
expressions, we use nonparametric Gaussian process regression. We
apply our method to assess the fingerprint CV of Cu(100) in iodine-

containing, alkaline solutions. The simulations offer new insights into
the competitive adsorption between I and OH. Additionally, we bench-
mark our method by comparing a mean-field model to grand canonical
lattice Monte Carlo simulations for the well-studied system Ag(100) in
Br-containing electrolyte [2,3].

We analyze in detail the respective (dis-)advantages of both meth-
ods.

[1] N.G. Hormann et al., J. Chem. Theory Comput. 2021, 17, 1782

[2] M.T.M. Koper, J. Electroanal. Chem. 1998, 450, 189-201

[3] M. Nakamura et al., Phys. Rev. B 2011, 84, 165433

O 8.8 Mon 12:30 S054
Neural network surrogates for kinetic Monte Carlo models
of electrocatalytic surfaces — eYouNEs HassaNI ABDOLLAHIMZ,
JURGEN FunrRMANN®, and SEBASTIAN MaTeEral? — lnstitut f.
Mathematik, Freie Universitdt Berlin, Arnimallee 6, 14195 Berlin,
Germany — 2Fritz-Haber-Institut der Max-Planck-Gesellschaft, Fara-
dayweg 4-6, 14195 Berlin, Germany — 3WeierstraR-Institut f. Ange-
wandte Analysis u. Stochastik, Mohrenstr. 39 10117 Berlin, Germany

The kinetic Monte Carlo method (kMC) is the physically most sound
approach for addressing the kinetic interplay of elementary processes
at electrocatalytic surfaces but also comes at high computational costs.
Therefore, computationally efficient surrogate models are highly desir-
able which allow the utilization of kMC simulation results in coarser
scale simulations.

Using the oxygen reduction reaction on Pt(111) as a prototypical
example, we investigate regression neural networks as surrogates to
reproduce the stationary TOF as a function of all reaction conditions,
i.e. electrostatic potential, concentrations, and temperature. We found
that a relatively shallow perceptron with 2 layers of 32 and 32 neurons,
respectively, and SiLU activation functions serve as an appropriate
choice. We demonstrate the performance of this model with a varying
number of kMC data points. Finally, we discuss how this model can
be incorporated into a multiscale modeling approach, which addresses
the interaction of transport and kinetics.

O 9: Ultrafast Electron Dynamics at Surfaces and Interfaces 2

Time: Monday 15:00-18:15

0 9.1 Mon 15:00 H3
Two distinct 4f states in mixed-valent TmSe;_,Te,; — e¢CHUL
HEE Min!, MicuaEL HEBER?, StMON MULLER®, Lukas WENTHAUS?,
Markus Scuoz?, DmyTrRo Kurnvaknov?, LENaRT Dubpvy?, HEN-
DRIK BENTMANN3, FEDERICO PREssacco?, MarTHiAs KALLANE!,
Woouiae CHo!®, Yonag SEuNG Kwon®, FRIEDRICH REINERT®, and
Kar RossnaceL! — IEAP, CAU Kiel, Germany — 2DESY, Ham-
burg, Germany — SEP7 and ct.qmat, University of Wiirzburg, Ger-
many — 4Synchrotron SOLEIL, Saint-Aubin, France — 5Dep. of
EMS, DGIST, South Korea

From the strong electron correlation effects in rare earth compounds,
rich phase diagrams emerge with tunable ground states, which underlie
a series of unique physical phenomena and quantum states, including
quantum criticality, topological Kondo insulators, and diverse charge-
neutral quasiparticle formations. However, despite their importance,
the nature of such composite quasiparticles is difficult to characterize
because all coherent spectral features develop in a similar way. Us-
ing angle-resolved photoemission spectroscopy (ARPES) together with
time-resolved PES, we have addressed distinct coherent 4f features in
unique mixed-valence TmSe;_;Te,. Our findings open the path for
future investigations of small energy-scale excitations and may provide
a framework for understanding the dynamics and entangled nature of
correlated electrons.

0 9.2 Mon 15:15 H3
Time- and angle-resolved photoemission study of magnetic
topological insulators MnBisTe; and MnBisTe; — ePauLINA
MajcHrzak!, KLARA VOLCKAERT!, DEEPNARAYAN Biswas!, DENNY
PunteEL?, WiBkE Bronsce?, FEDERICO CILENTO?, XING-CHEN
Pan3, YonG CueEND3, and SgrREN ULsTRUP! — 1Dept. of Physics and
Astronomy, Aarhus University, DK — 2Elettra - Sincrotrone Trieste,
IT — 3Advanced Institute for Materials Research, Tohoku University,
JP

Van der Waals heterostructures comprising layers of intrinsically anti-
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ferromagnetic topological insulator (TI) MnBisTes and non-magnetic
TI BigTes offer a rich toolbox for engineering exotic quantum phenom-
ena. Magnetic and transport properties of these materials are strongly
affected by the interplay between bulk and surface states with diver-
gent topologies resulting from hybridisation between the top layers.
Here, we disentangle those complex interactions in the time domain
with TR-ARPES. We discuss the interband dynamics in bulk and
surface states as a function of stacking and surface terminations for
MnBisTes and MnBisTe7. Our results fill a knowledge gap in under-
standing of interlayer coupling in MnBisTe4-based heterostructures.

0 9.3 Mon 15:30 H3
Electronic and phonon dynamics in 1T-TiSe; with ultrafast
core-level transient absorption spectroscopy in the extreme
ultraviolet — eTosias HeinricH!, Hung-Tzu Cuanc!, SERGEY
Zavyko!, Murar Srvis'2, and Craus Ropers'? — 'Max Plank In-
stitute for Multidisciplinary Sciences, Géttingen, Germany — 24th
Physical Institute - Solids and Nanostructures, University of Gottin-
gen, Germany

Extreme ultraviolet (XUV) transient absorption spectroscopy with
high harmonic sources is ideally suited to investigate the complex in-
terplay between lattice and electronic degrees of freedom on ultra-
fast timescale [1]. Here, we compare the experimental result of highly
sensitive XUV transient absorption spectroscopy on the charge den-
sity wave (CDW) compound 1T-TiSe2 with density functional theory
(DFT) simulations to disentangle electronic and phonon contributions
to the transient absorption spectra. In addition to photo excited car-
riers we observe two coherently excited phonon modes that can be
assigned to the A4 optical mode (6 THz) and the A;4,* (3.3 THz)
amplitude mode associated with the CDW formation [2]. The modes
show distinct spectral fingerprints which are reproduced by DFT cal-
culations such that their dynamics can be individually analyzed. It is
found that only the amplitude mode vanishes at higher fluences, cor-
roborating the proposed mechanism of non-thermal CDW melting [3].
[1] A. R. Attar et al., ACS Nano 14, 11, 15829-15840 (2020)
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[2] H. Hedayat et al., New J. Phys. 23, 033025 (2021)
[3] E. MShr-Vorobeva et al., Phys. Rev. Lett. 107, 036403 (2011)

O 9.4 Mon 15:45 H3
Coherent phonon-driven transient modulation of a
Dresselhaus-type spin splitting in Td-WTes; — PrTra HEIN!,
STEPHAN JAUERNIK!, HERMANN ERk!, LEXIAN YANGZ3, YANGPEN
Qr*5, Yan Sun®, Craupia FELsErR®, and eMicHAEL Baurr! —
nstitute of Experimental and Applied Physics, University of Kiel,
Germany — 2State Key Laboratory of Low Dimensional Quantum
Physics, Department of Physics, Tsinghua University, Beijing, China
— 3Frontier Science Center for Quantum Information, Beijing, China
— “8chool of Physical Science and Technology, ShanghaiTech Univer-
sity, China — ®Max Planck Institute for Chemical Physics of Solids,
Dresden, Germany

Time- and angle-resolved photoemission spectroscopy is used to study
transient changes of the electronic structure in the Weyl-semimetal T'd-
WTes in response to the excitation of coherent phonons. A Fourier-
transform of the three-dimensional experimental data yields phonon-
mode resolved insights into such coupling processes. Results of our
analysis reveal a transient modulation of a Dresselhaus-type spin split-
ting of electronic bands that is selectively driven by the excitation of
an interlayer shear mode of the layered compound [1]. The results
provide real-time insights into electron-phonon coupled processes that
are of vital importance for a light-driven topological phase transition
in Td-WTes.
[1] P. Hein, et al., Nat. Commun. 11, 2613 (2020).

0 9.5 Mon 16:00 H3
Coherent Control of a Metastable Hidden Phase — J.
MakLar!, S. Donc!, eJ. Sarkar!, Y. A. GERasIMENKOZ, T.
PinceLLi!, S. BeauLieu!, P. S. Kircumann3, J. A. Sapota®, S.-L.
Yanc34, D. LEUENBERGER®?, R. G. MooRg?3, Z.-X. SHENS?, M.
WoLr!, D. MinaiLovic?, R. ERNSTORFER!®, and L. RerTIG] —
L Fritz-Haber-Institut der MPG, Berlin, DE — 2Jozef Stefan Institute,
Jubljana, S1 — 3SLAC National Accelerator Laboratory, California,
USA — “4Stanford University, California, USA — 5Technical Univer-
sity Berlin, DE
In materials with multiple competing orders, ultrashort light pulses
can induce metastable states that are not accessible at thermodynamic
equilibrium. One of such, the metallic hidden (H) phase of 1T-TaSs,
is of particular interest as it features an order-of-magnitude change
in resistivity, promising for novel energy-efficient high-speed memory
devices. We use time- and angle-resolved photoemission spectroscopy
(trARPES) to investigate the electronic band structure and formation
dynamics of the metastable H-state in 1T-TaS2. The band structure
mapping of H-state reveals suppression of correlation effects and met-
allization, suggesting a critical role of interlayer stacking order of the
TaS2 sheets in the phase transition. The fluence-dependent dynam-
ics provides strong evidence that the charge density wave amplitude
mode governs a collective, ultrafast switching pathway to the H-state.
This is further corroborated by demonstrating coherent control of the
switching efficiency into the H-phase using a multi-pump-pulse excita-
tion scheme.

0O 9.6 Mon 16:15 H3
Influence of carbon buffer layer on non-equilibrium car-
rier dynamics of epitaxial graphene and WS2/graphene
heterostructures — eLukas BRuUcCkMEIER!, NikrLas HorMANN!,
LeoNARD WEIGL!, JonanNes GrapL!, NEERAJ Misura?3, STIVEN
Forri?, CamiLLa CoLeTTI?3, and IsaBeLLA GiErz! — !Faculty for
Physics, University of Regensburg, Regensburg, Germany — 2Center
for Nanotechnology Innovation@NEST, Istituto Italiano di Tecnologia,
Pisa, Italy — 3Graphene Labs, Istituto Italiano di Tecnologia, Genova,
Italy

The non-equilibrium photocarrier dynamics of epitaxial graphene on
SiC(0001) have been studied in detail in the past. The fact that the
graphene layer rests on a second two-dimensional carbon buffer layer
(BL) - the well-known (6\/§ X 6\/§)R30° reconstruction - was believed
to be of minor importance for the interpretation of the time-resolved
data. We use time- and angle-resolved photoemission spectroscopy to
show that photoexcitation of the graphene/BL heterostructure is fol-
lowed by a short-lived transient decrease in binding energy of the Dirac
cone indicating a transient charging of the graphene layer with excess
electrons. We attribute the transient n-doping of the graphene layer
to the resonant excitation of a direct electronic transition between the
non-dispersive states of the BL located 0.5eV below the Fermi level and
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the Dirac cone. We further show that this direct electronic transition
affects the charge transfer dynamics in epitaxial WS2/graphene/BL
heterostructures.

0 9.7 Mon 16:30 H3
Ultrafast phonon thermalization in a monolayer crystal —
eHvEIN JunGg — Fritz-Haber-Institut der MPG

Understanding energy flow in semiconductors following a perturba-
tion is key for future applications. Observing dynamic processes on
their fundamental time scales enables studying energy transfer pro-
cesses between intrinsic subsystems, and subsequently understanding
the coupling between them. Here we study ultrafast lattice dynam-
ics in monolayer WSe2, carried out using femtosecond (high-energy)
electron diffraction (FED).

We studied the lattice response to laser excitation by probing laser-
induced variations in Bragg peak intensities, which reflect changes in
incoherent lattice vibrations (quantified by atomic mean squared dis-
placements, MSD). We implement a novel approach to analyze such
diffraction data, by which we disentangle element-specific vibrational
responses in the sub-picosecond time domain.

Through this analysis, we observe a series of steps in the evolu-
tion of the lattice response through varying trends of the two elements
(W, Se). These observations suggest a cascade of electron-phonon
and phonon-phonon scattering processes occurring on short picosecond
time scales. We interpret these by means of energy transfer between
phonon groups using on ab-initio calculations of the partial phonon
density of states phonon. These results demonstrate that our element-
specific approach enables a deeper understanding of the cascade of e-ph
and ph-ph energy transfer processes following excitation.

O 9.8 Mon 16:45 H3

k-dependent band gap renormalization in monolayer WS2

revealed by tr-ARPES — eNikLas HorMaNN!, ALEXAN-
DER STEINHOFF2, LeoNArRD WEIGL!, JoHaNNeEs Grapr!, Tim
WEeHLING?3,  SIvAN  REFAELY-ABRAMSON?, NEERAJ MisHra®6,

StiveN Forri®, CamiLLa CorerTi®®, and IsaBeLLa Gierz!
— University of Regensburg, 93040 Regensburg, Germany —
2University of Bremen, 28359 Bremen, Germany — S3University of
Hamburg, 22607 Hamburg, Germany — 4Weizmann Institute of Sci-
ence, 7610001 Rehovot, Israel — 5Center for Nanotechnology Inno-
vation @QNEST, Istituto Italiano di Tecnologia, 56127 Pisa, Italy —
6Graphene Labs, Istituto Italiano di Tecnologia, 16163 Genova, Italy

Monolayer transition-metal dichalcogenides show strong enhancement
of Coulomb interactions due to their reduced dimensionality with im-
mediate effects on both the optical as well as the single-particle band
gap. Photogenerated electron-hole pairs have been shown to result
in a giant band gap renormalization that has been attributed to effi-
cient screening of the Coulomb interaction. The corresponding band
structure changes are predicted to show a pronounced momentum de-
pendence that we resolve using time- and angle-resolved photoemission
spectroscopy on monolayer WS2 supported by a graphene substrate.
Excellent agreement with ab initio calculations allows us to disentan-
gle the intricate interplay of different many-body contributions to the
observed transient band structure renormalization with important im-
plications for the optoelectronic properties of 2D semiconductors.

099 Mon 17:00 H3
Pump helicity-dependent anisotropic population dynamics
in the topological insulator Sb2Te3 — eJan Bonnkr!, Hay-
DAR ALTUG YILDIRIMY3, STEPHAN ScHMUTZLER!, JAIME SANCHEZ-
Barrica?, OrLivER RADER?, CorneLiUs GaHL!, and MARTIN
WEINELT! — !Fachbereich Physik, Freie Universitit Berlin, Berlin,
Germany — 2Helmholtz-Zentrum Berlin fiir Materialien und Energie
GmbH, Berlin, Germany — 3Leibniz-Institut fiir Astrophysik, Pots-

dam, Germany

The specific spin texture of Dirac cone like topologically protected
surface states (TSS) and the long electron mean free path allow for
spin-polarized currents at the surface of topological insulators. Opti-
cal control of such currents has been discussed controversially.

We investigated the role of direct and indirect population channels
for the unoccupied TSS on Sb2Te3 in 2D momentum space by time
and angle-resolved two-photon photoemission spectroscopy. Excita-
tion with 1.55 eV photons leads to an initially anisotropic population
of the Dirac cone, dependent on the helicity of the excitation pulse and
the azimuthal orientation of the sample. The strongest anisotropy is
found in the energy range of the warped Dirac cone. It exhibits pre-
dominantly a 3-fold symmetry originating from the symmetry group of
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the bulk material. This contribution accordingly does not correspond
to a macroscopic current in the TSS. On a time scale of 100 fs the
population anisotropy is masked by electrons scattering from the bulk
conduction band into the TSS.

0 9.10 Mon 17:15 H3
Spatio-temporal imaging of bright and dark excitonic
quasiparticles in twisted TMD heterostructures — eJaN
PumLipp Bange!, Davip Scamitt!, WiEBKE BENNECKE!, ABDU-
LAziz ALMuTtairi?, GuisEpPE MENEGHINI3, DanieL SteiL!, R.
TuoMas Wertz!, SaBINE STEIL!, G. S. MATTHIIS JANSEN!, SAMUEL
Brem?3, ERMIN MaLic®, STEPHAN HorMANN2, MARCEL REUTZEL!,
and STEFAN Matnias! — 1. Physikalisches Institut, Georg-August-
Universitit Gottingen, Germany — 2Department of Engineering,
University of Cambridge, U.K. — 3Fachbereich Physik, Philipps-

Universitat Marburg, Germany

In two-dimensional van-der-Waals semiconductors, the weak Coulomb
screening of charge carriers leads to exciting new material properties,
such as bright and dark excitons with large binding energies. Con-
sequently, when creating a heterostructure from two transition-metal
dichalcogenide (TMD) monolayers with a type II band alignment, in-
terlayer excitons can be formed [1]. Because dark excitons are not
directly accessible with optical techniques, the spatial and lateral dy-
namics on the fundamental nanometer length scale remain largely
unexplored. How do dark and interlayer quasiparticles form, relax
and diffuse in the presence of a heterojunction, stress fields and in-
homogeneities? Here, we address this question using time-resolved
momentum and dark-field photoemission microscopy which enables us
to study the ultrafast formation dynamics of different excitonic species
in twisted WSe2/MoSs heterostructures.

[1] Schmitt et al., arXiv2112.05011 (2021).

0 9.11 Mon 17:30 H3
SHG imaging microscopy of ultrafast charge-transfer dy-
namics in twisted TMDC heterostructures — eMARLEEN AXT,
Jonas E. ZiMMERMANN, GERSON METTE, and ULrRicH HOFER —
Fachbereich Physik, Philipps Universitdt Marburg, Germany

Two-dimensional heterostructures of transition metal dichalcogenides
(TMDC) represent very well-defined model systems of van-der-Waals
interfaces. Many material combinations feature a type-II band align-
ment, which can separate photoexcited electrons and holes into differ-
ent layers through ultrafast charge transfer leading to the formation of
so-called interlayer excitons or interface excitons.

We investigate the ultrafast charge-transfer dynamics in TMDC het-
erostructures as a function of the stacking angle using time-resolved
second-harmonic generation (SHG) imaging microscopy. This experi-
mental technique combines the advantages of SHG with high tempo-
ral and spatial resolution. For differently twisted MoSs/WSes het-
erostructures the electron transfer from WSes to MoSs after resonant
excitation (1.70 eV) was found to depend considerably on the twist an-
gle. The transfer time is reduced from 85 fs down to 12 fs when going
from a larger rotational mismatch (16°) towards 2H-stacking (52°).

0 9.12 Mon 17:45 H3

O 10: Focus Session:

Time: Monday 15:00-17:30

Topical Talk O 10.1 Mon 15:00 H4
Atomically-precise design of low-nuclearity catalysts —
eSHARON MiTcHELL and JAVIER PEREz-RAMiREz — ETH Zurich,
Zurich, Switzerland

Nanostructured catalysts incorporating supported metal atoms or
small clusters of defined size and chemical composition attract con-
siderable attention because of their potential to maximize resource
efficiency. When optimally assembled, all the metal nuclei can par-
ticipate in the catalytic cycle with properties tailored to deliver high
specific activity and stable performance. Over the past decade, the
number and diversity of reported systems have exploded as researchers
attempted to control the nanostructure with increasing atomic preci-
sion. Nonetheless, spatially resolving the architecture and properties
of supported low-nuclearity catalysts using existing analytical meth-
ods remains challenging. This talk will discuss approaches to prepare
and characterize catalytic materials integrating low-nuclearity metal

Spin and charge carrier dynamics at a CuPc/WSez het-
erostructure — eSEBAsTIAN HeEDpWIG!, GREGOR ZINKE!, BENITO
ARrNoLDI', MARTIN AESCHLIMANN!, and BENJAMIN STADTMULLER!:2
— 1Department of Physics and Research Center OPTIMAS, TU
Kaiserslautern, Erwin-Schroedinger-Str. 46, 67663 Kaiserslautern,
Germany — Z2Institute of Physics, Johannes Gutenberg University
Mainz, Staudingerweg 7, 55128 Mainz, Germany

2D-Van-der-Waals systems are a highly intriguing class of low dimen-
sional materials with promising spin functionalities for future nanoscale
spintronic applications. Here, we show our approach to control the
spin and charge carrier dynamics of the Van-der-Waals material WSez
by the adsorption of CuPc molecules. We conduct time-, angle- and
spin-resolved photoemission experiments to investigate the optically
excited carrier dynamics at the K- and X-points of WSes. After an
initial spin-selective excitation at the K-point, depending on the pump
light polarization [1], we observe that the subsequent intraband scat-
tering from the K- to the X-point of the bare WSez conduction band
coincides with a change of the carriers spin polarization. Both, the
optical excitation and the subsequent relaxation process can be ac-
tively modified by appropriate adsorption of CuPc. In particular, the
dominant optical excitation at the K-point of WSesy is replaced by a
direct interlayer excitation from the CuPc into the WSez layer. We
will show that the strength of the interlayer excitation can be tuned
and controlled by the polarization of the exciting light field.
[1] Bertoni et al.; Phys. Rev. Lett. 117, 277201 (2016)

0 9.13 Mon 18:00 H3
Subcycle lightwave-ARPES in the strong-field regime — Suc-
URU ITo!, MANUEL MEIERHOFERZ, JOSEF FREUDENSTEINZ2, DMYTRO
Aranasiev?, eJens GUDpDE!, RupErT HUBER?, and ULricH HOFER!
— 1Fachbereich Physik, Philipps-Universitit Marburg, Germany —
2Fakultit fiir Physik, Universitiit Regensburg, Germany

Angle-resolved photoemission spectroscopy (ARPES) combined with
THz excitation enables the investigation of lightwave-driven Dirac cur-
rents in the surface state of topological insulators with sub-cycle time
resolution [1]. At low THz frequencies and moderate effective field
strengths of a few kV /cm at the surface, we have shown that the cur-
rent dynamics is dominated by intraband acceleration of the electrons
within the surface band of BisTes.

Here, we will show how such experiments can be extended to the
strong-field regime at driving frequencies of 25-40 THz. This is chal-
lenged by strong energy and momentum streaking of the photoelec-
trons after photoemission as well as the requirement of ultrashort
pulses for photoemission which also introduce considerable energy
broadening of the ARPES spectra. We will discuss how these chal-
lenges can be successfully overcome in order to enable lightwave-
ARPES at field strength of ~1 MV /cm despite surface screening. This
paves the way for visualizing strong-field phenomena such as high-
harmonic generation (HHG) [2] and the emergence of Floquet-Bloch
states directly in the band structure on a sub-optical-cycle time scale.
[1] J. Reimann et al., Nature 562, 396 (2018).

[2] C. P. Schmid et al., Nature 593, 385 (2021).

Single Atom Catalysis 2

17

Location: H4

species. Topical case studies will introduce recent achievements and
challenges, including the synthesis of single-atom catalyst libraries with
controlled density, the precision synthesis of low-nuclearity species,
tools for metal speciation analysis in electron-beam-sensitive materi-
als, and an automated image analysis approach for atom detection and
classification.

O 10.2 Mon 15:30 H4
Synthesis of single-atom model catalysts via atomic layer de-
position for CO oxidation — eCuuNLEI WaNG!, HELois Tissor!,
JoakiM HALLDIN STENLIDZ?, MARKUS SoLDEMO!, SArRP Kava?, and
Jonas WEIsSENRIEDER! — ! Materials and Nano Physics, KTH Royal
Institute of Technology, SE-100 44 Stockholm, Sweden — 2Department
of Physics, Stockholm University, SE-106 91 Stockholm, Sweden —
3Department of Chemistry, Koc University, 34450 Istanbul, Turkey

Single-atom model catalysts, with individual metal atoms anchored on
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well-defined single crystals under ultra-high vacuum conditions, can
provide an atomic-scale insight into active sites and reaction mech-
anisms for applied catalysis, thus promoting the design of better in-
dustrial catalysts. The metal growth of model catalyst is usually syn-
thesized by physical vapor deposition method. Here, we applied a
novel atomic layer deposition strategy to model systems for the syn-
thesis of single-atom FelOx catalysts on Cu20(100) and Pt(111). The
coordination configuration was determined through a combination of
scanning tunneling microscopy, synchrotron radiation X-ray photoelec-
tron spectroscopy (XPS), and density functional theory calculations.
The redox properties of single atoms were investigated using ambient-
pressure XPS under mbar level of reactant gas.

O 10.3 Mon 15:45 H4
A Customized IRAS System for Investigations of Adsorbates
on Metal-Oxide Single Crystals — eDavip RaTH, Jirl PAVELEC,
ULRIKE DieBOLD, MICHAEL ScHMID, and GARETH S. PARKINSON —
Institute of Applied Physics, TU Wien, Austria

The IRAS system GRISU (GRazing incident Infrared absorption
Spectroscopy Unit) was developed to investigate adsorbates on metal
oxide single crystals in the research field of single-atom catalysis [1]. It
combines the commercially available FTIR spectrometer Bruker Ver-
tex 80v with an UHV chamber [2]. The compact design requires only
one CF150 port for the main optical components, features five mirrors
for beam guidance placed in HV and UHV environment and optimises
the system’s performance, flexibility, and usability. The result is a
small controllable focal-spot diameter (max. 3 mm) on the sample,
motorised optical components, and an aperture limiting the incidence
angle range (variable, 49° to 85°) on the sample. The simulated system
(done with a ray-tracing program and a simplified spectrometer model)
shows an efficiency of 13 %, i.e., 13 % of the radiation passing through
the first aperture (@ 6 mm) after the IR source in the FTIR spectrom-
eter reaches the detector after being reflected from the molecular beam
spot (@ 3.5 mm) on the sample. Compared to a commercially available
system with two parabolic mirrors with a focal length of 250 mm, the
efficiency is about 20x higher. First measurements demonstrate the
performance of the system.
[1] G. S. Parkinson, Catal. Lett. 149, 1137 (2019)
[2] J. Pavelec, et al., J. Chem. Phys. 146, 014701 (2017).

Topical Talk O 104 Mon 16:00 H4
Design of Model Single-Atom Catalysts: Metal Adatoms,
Monomeric Oxide Units, and Mixed Surface Layers on Oxide
Surfaces — ¢ZDpENEK DoHNALEK — Physical and Computational Sci-
ences Directorate and Institute for Interfacial Catalysis, Pacific North-
west National Laboratory, Richland, WA 99354, USA

Single-atom catalysts have attracted significant attention due to their
ultimate metal efficiency and the promise of novel properties. The
sublimation of oxides and metals is employed to design monodispersed
model systems with supported metal adatoms, monomeric oxide units,
and ordered mixed oxide surfaces. Scanning tunneling microscopy,
ensemble-averaged electron spectroscopies, and density functional the-
ory are employed to achieve an atomic-level understanding. Specif-
ically, the deposition of (MgO)1l monomers and (MoO3)n oligomers
is studied on anatase TiO2(101) via direct evaporation of MgO and
MoO3 powders. While gas phase (MgO)1 is readily immobilized
at room temperature, (MoO3)n transiently diffuse, agglomerate, and
spontaneously decompose into the (MoO3)1 monomers. The transient
mobility of the oligomers is the key to the self-assembly of the ordered
overlayers of (MoO3)1. Metal adatoms and mixed oxide surfaces are
synthesized by the sublimation of Rh onto Fe304(001). Higher sub-
strate temperatures facilitate Rh incorporation into the surface, lead-
ing to ordered mixed Rh-Fe304(001). Cryogenic deposition tempera-
tures stabilize Rh on the surface and allow for the preparation of the
pure Rh adatom phase. The effect of temperature and adsorbates on
the stability of such model catalysts is explored.

O 10.5 Mon 16:30 H4
Rh and Ir single atoms on Fe304(001): local structure af-
fecting catalytic properties — eMarTHIAS MEIERD2, ZDENEK
Jakus!, Jir1 PaveLec!, MicHaEL Scumip!, ULrike DieBoLp!, CE-
saRE FrancuINI?3, and GARETH S. Parkinson! — lInstitute of

Applied Physics, Technische Universitdt Wien, Vienna, Austria —

18

2Faculty of Physics and Center for Computational Materials Science,
University of Vienna, Vienna, Austria — 3Department of Physics and
Astronomy, Alma Mater Studiorum, Universita di Bologna, Bologna,
Italy

Single-atom catalysts are often supported by cheap oxides, such as
iron oxides. As a model system [1], magnetite (Fe3Oy4), specifically its
(001) facet has been used because it offers stable sites for single-atom
adsorption up to high temperatures. Here, I will demonstrate how im-
portant the support is for the stability of single-atoms, as well as their
catalytic properties. Rh and Ir 2] single atoms utilize Fe vacancies in
the subsurface of the reconstructed Fe3O04(001) unit cell to incorpo-
rate into the surface layer. Changing the positions of Fe atoms in the
support as part of the incorporation process enables the single atoms
to be accommodated in a more favorable configuration than if they
were adsorbing on top of the surface. Their catalytic properties are
drastically affected by changes in the atomic environment. Incorpora-
tion temperatures vary depending on both coverage and the presence
or absence of adsorbates, such as CO.

[1] R. Bliem et al., Science 346, 1215 (2014). [2] Z. Jakub et al.,
Angew. Chemie Int. Ed. 58, 13961 (2019).

O 10.6 Mon 16:45 H4
Atomic-Level Studies of CoH; on Clean and Rh; Single-
Atom Decorated Fe3;04(001) — ePANUKORN SoMmBUT!, LENA
PunTtscHER!, CHUNLEI WANG!, MANUEL ULrEicH!, JIR1 PAVELEC!,
ALt RAFsanNiaNI-ABassi!, Marthias Meier?, ULRIKE DieBoLb!,
CeESARE FRraNcHINI®3, MicHAEL SceMmID!, and GARETH S.
Parkinson! — lnstitute of Applied Physics, TU Wien, Austria —
2Faculty of Physics, Center for Computational Materials Science, Uni-
versity of Vienna, Austria — 3Alma Mater Studiorum, Universita di

Bologna, Bologna, Italy

The local binding environment of metal-oxide supported single-atom
catalysts (SACs) determines how reactants adsorb and therefore plays
a decisive role in catalysis. Here, we study how FezO4(001)-supported
Rh; adatoms interact with ethylene (CoHy) using DFT, combined with
experimental surface science techniques (TPD, XPS, and STM). We
show that C2H4 physisorbs on the clean Fe304(001). We also iden-
tify and model different molecule orderings at different coverages that
agree nicely with STM images and TPD data. Then, we study CoHy
adsorption at 2- and 5-fold coordinated Rh sites at the FezO4(001)
surface, and show that the local environment has a strong effect on
the adsorption properties: 2-fold Rh can adsorb two C2H4 molecules,
while 5-fold Rh can only host a single CoHy4 molecule. Finally, we in-
vestigate coadsorption of CoHy with CO, a vital step towards enabling
the hydroformylation reaction, and show that this is feasible only at
2-fold coordinated Rh sites.

Topical Talk 0 10.7 Mon 17:00 H4
Model catalysis of single atoms on ultrathin solid films —
oKa1 Wu — College of Chemistry and Molecular Engineering, Peking
University, Beijing 100871, China

Metal atoms at surfaces play a key role in catalysis and related dis-
ciplines. A new strategy is introduced to prepare ultrathin films like
oxides on surfaces which are further utilized to prepare stablized metal
atoms. Since the surface free energy of a bulk oxide is much lower than
the chemical potential or free energy of the metal atoms, one can play
the game by reducing the thickness of the oxide film, even down to one
atomic monolayer, which is grown on a bulk metal substrate. In such
a way, the chemical potential of the oxide thin film can be tweaked by
the underlying bulk metal substrate. Once the chemical potential or
free energy of the ultrthin oxide support is tuned to such an extent
that it becomes comparable with those of the metal atoms, can one
then stablize these metal atoms without additional measures. Such an
approach may be termed as surface free energy strategy to prepare un-
coordinated metal atoms at surfaces. Scince the metal atoms are truly
unprotected and therefore their physicochemical properties could be
intrinsic, in sharp contract to those of coordinated metal atoms pre-
pared by surface coordination and crystal engineering strategies. In
this presentation, several systems of the unprotected metal atoms in-
cluding alkali and transition metal atoms on ultrathin films such as
metallic oxides and carbides grown on bulk metal substrates are em-
ployed to explore surface catalysis.
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O 11: Electronic Structure Theory

Time: Monday 15:00-16:30

O 11.1 Mon 15:00 H6
Quantum Nuclear Effects in Thermal Transport of Semicon-
ductors and Insulators — eHacEN-HENRIK KowaLski!, MATTHIAS
ScHEFFLER!, MARIANA Rossi?, and CHRISTIAN CAaRBOGNO! — 1The
NOMAD Laboratory at the FHI-MPG and HU, Berlin, Germany —
2MPI for Structure and Dynamics of Matter, Hamburg, Germany

Accounting for the nuclear motion is essential for the prediction of
various material properties, from thermal conductivity to the relative
stability of different polymorphs. Often, it is assumed that quantum
nuclear effects (QNEs) are decisive at low temperatures, but that an-
harmonic effects can be neglected in this limit. Conversely, it is often
presumed that anharmonicity is influential at elevated temperatures,
but that QNEs are not active in this limit. In this work, we investi-
gate the interplay of QNEs and anharmonicity by extending a recently
proposed anharmonicity metric [1] to path integral molecular dynamics
(PIMD). Our ab initio MD and PIMD calculations for solid Argon, Sil-
icon, Lithium Hydrid, and Pentacene further substantiate that QNEs
can have a massive impact even at room temperature and beyond,
especially in weakly bonded systems [2]. Furthermore, we show that
QNEs can induce strong anharmonic effects ~beyond the applicability
realm of perturbation theory— even at OK. We discuss the underlying
microscopic mechanisms and hence elucidate why QNEs and strong
anharmonicity often go hand in hand in real materials.

[1] F. Knoop, et.al., Phys. Rev. Mat. 4, 083809, (2020).

[2] M.Rossi, J. Chem. Phys. 154, 170902 (2021)

O 11.2 Mon 15:15 H6
Volume Dependence of Excitation Energies of Sodium Clus-
ters in GW — eSTEPAN MAREK and RicHARD KORYTAR — De-
partment of Condensed Matter Physics, Faculty of Mathematics and
Physics, Charles University, Prague, Czech Republic

Prediction of molecular junction transport properties is a challenging
task. One particularly complicated aspect of the problem is accurate
description of binding between the molecule and the electrodes. Ef-
fect of image charges and non-ground state properties of the molecule-
electrode system are expected to induce significant error when using
DFT to evaluate the junction properties. GW is a post-DFT method
that is assumed to fix some of the problems of bare DFT approach. In
this contribution, we explore the (size) convergence properties of spec-
trum of sodium clusters using GW, and compare it to predictions by
DFT and HF. We discuss the strategies to remove quasi-degeneracies
induced by symmetries of the clusters, and their impact on critical
properties of the spectrum, namely gap and average level spacing. Our
analysis serves as a guide towards convergence studies of molecular
junctions using GW.

O 11.3 Mon 15:30 H6
Ab initio phonon self-energies: To screen, or not to screen
— eJaN BEerces!, Nina GirorTo?, Tim WEeHLING?, Nicora
Marzart®!, and SAMUEL Ponci® — 1University of Bremen, Ger-
many — 2Institute of Physics, Zagreb, Croatia — 3University of Ham-
burg, Germany — *EPFL, Switzerland — 5UCLouvain, Belgium

First-principles calculations of phonons are often based on the adi-
abatic approximation and a Brillouin-zone sampling that is not suffi-
cient to capture Kohn anomalies. These shortcomings can be remedied
through corrections to the phonon self-energy arising from the low-
energy electrons. A well-founded correction method exists [Calandra,
Profeta, and Mauri, Phys. Rev. B 82, 165111 (2010)], which only re-
lies on readily available (adiabatically) screened quantities. However,
many-body theory suggests to use one bare electron—phonon vertex in
the phonon self-energy [Giustino, Rev. Mod. Phys. 89, 015003 (2017)]
to avoid double counting. This can be seen as a limiting case of down-
folding to partially screened phonons and interactions [Nomura and
Arita, Phys. Rev. B 92, 245108 (2015)]. We compare these approaches
using the examples of TaS2, MgB2, n-doped MoS2, and p-doped di-
amond. We confirm the robustness of the former method, while the
latter allows for systematic improvements to describe correlations or
metal-insulator transitions.

O 11.4 Mon 15:45 H6
Implementation of DFT+U+J and the minimum-tracking
linear response method for polaron formation modeling —
oZ1wEl CHAI''3, KArRsTEN REUTER®, HARALD OBERHOFERZ, and
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Livin Liuv* — 1Chair for Theoretical Chemistry, Technische Uni-
versitit Miinchen — 2Chair for Theoretical Physics VII, Univer-
sitdt Bayreuth, Germany — S3Fritz-Haber-Institut der Max-Planck-
Gesellschaft — %School of Physics, Beihang University

In many oxides charge carriers localize as small polarons. However,
treating them with semi-local first-principles density-functional the-
ory (DFT) tends to be a challenge usually addressed by hybrid DFT
or Hubbard-corrected DFT+U. We present our implementation of
DFT+U+J based on a "tensorial" representation of the subspace and
the "minimum-tracking linear response method" which can determine
U and J parameters from first-principles in the CP2K package. We
performed systematic tests to prove the validity of the implementa-
tion.

Finally, the formation of polarons can be modeled by either breaking
the symmetry of the initial structure or imposing an implicit or explicit
constraining potential on the local orbital occupation. On top of our
DFT+U+J implementation, we thus present the subspace occupancy-
constraining potential (SOCP) approach to simulate the formation of
polarons by constraining the occupancy number of the relevant local
orbitals. Any polaronic configuration can thus straightforwardly be
accessed without the need to explicitly break the system’s symmetry.

O 11.5 Mon 16:00 H6
Signatures of molecular conformation in the evolution of
DFT-based single molecule conductance — eHECTOR VAZQUEZ
— Inst. of Physics, Czech Academy of Sciences

Single molecules placed between two nanoelectrodes represent the ulti-
mate limit in downscaling of electronic components. Electron transport
simulations based on DFT-NEGF have enabled the understanding of
conducting junctions and the interpretation of experiments [1]. How-
ever, these computationally costly calculations are often carried out
for a small number of representative junction structures. In contrast,
in room temperature experiments, the geometry of the molecule is ex-
pected to change significantly.

Here we describe and apply an approximate method to calculate
molecular conductance within DFT for thousands of geometries. By
combining it with room-temperature molecular dynamics (MD) simu-
lations of the junction [2], we obtain the evolution of conductance for
thousands of structure-conductance points. We analyze several geo-
metric parameters and their effect on conductance, including quantum
interference. This analysis on large datasets of DFT-based calculations
reveals the signatures of molecular structure on junction conductance.

[1] F. Evers, R. Korytar, S. Tewari and J.M. van Ruitenbeek, Rev.
Mod. Phys. 92, 35001 (2020)

[2] H. Vazquez, R. Skouta, S. Schneebeli, M. Kamenetska,
R.Breslow, L. Venkataraman and M.S. Hybertsen, Nature Nanotech-
nol. 7, 663 (2012)

O 11.6 Mon 16:15 H6
Spectral properties and thermodynamics of correlated met-
als via the algorithmic inversion of dynamical potentials
eTommaso CuiarorTi!, ANDREA FERRETTI?, and NicoLa
Marzari! — 1 Theory and Simulations of Materials (THEOS) and Na-
tional Centre for Computational Design and Discovery of Novel Materi-
als (MARVEL), Ecole Polytechnique Fédérale de Lausanne, 1015 Lau-
sanne, Switzerland — 2Centro S3, CNR-Istituto Nanoscienze, 41125
Modena, Italy

Dynamical potentials are needed to predict accurate spectral, trans-
port, and in general embedding properties of materials. The non-
linearity introduced by the frequency changes at a fundamental level
the problem to address, moving from the diagonalization of an oper-
ator, e.g., the Kohn and Sham Hamiltonian in density-functional the-
ory, to the Dyson inversion of a self-energy. Here, we propose a novel
treatment of frequency-dependence able to solve Dyson-like equations
via an exact mapping to an effective non-interacting problem, extend-
ing to the non-homogeneous case the algorithmic inversion method
(Chiarotti et al., PRR, 2022). A sum-over-poles representation for the
self-energy, together with the static one-particle Hamiltonian, are used
to build a (larger) effective Hamiltonian having the excitation energies
of the system as eigenvalues and the Dyson orbitals as projections of
the eigenvectors. As a case study, we consider the paradigmatic system
of S;VO3 to compute accurate spectra and energetics of the material.
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O 12: Organic Molecules at Surfaces 2: Characterization of Organic Monolayers

Time: Monday 15:00-18:00

O 12.1 Mon 15:00 S051
Quantifying Interactions in Organic Monolayers — ePIERRE-
MarTIN  DomMBROWSsKI, STEFAN RENATO KACHEL, LEONARD
NEuHAUS, ToBiAs BREUER, J. MICHAEL GOTTFRIED, and GREGOR
‘WiTTE — Philipps-Universitat Marburg, Germany

The formation of molecular nanostructures is determined by the in-
terplay of intermolecular and molecule-substrate interactions, whose
experimental determination is challenging. Temperature-programmed
desorption (TPD) is a well-established technique capable of quantifying
these interactions, but its analysis is by no means trivial and therefore
rarely done quantitatively for large adsorbates. In the present study,
we analyse the desorption kinetics of the two organic semiconductors
pentacene and perfluoropentacene from Au(111) and MoSs surfaces
to show the potential of TPD and highlight challenges for larger ad-
sorbates. [1,2] Combining TPD with scanning tunnelling microscopy,
work function measurements and theoretical modelling, we show that
intermolecular interactions are dominated by the intramolecular charge
distribution. We are further able to determine the coverage-dependent
prefactor of desorption with unprecedented precision, which enables a
correlation of the desorption signal with the activation of specific de-
grees of freedom of motion of adsorbed molecules. Lastly, we compare
the differences in molecule-substrate interactions for the two substrates
at hand, which reveals that entropy can stabilize organic monolayer
films on MoSs despite a weak molecule-substrate bond.
[1] S. R. Kachel et al., Chem. Sci. (2021), 12, 2575-2585.
[2] P.-M. Dombrowski et al., Nanoscale (2021), 13, 13816-13826.

0 12.2 Mon 15:15 S051

Toward Understanding Thermal and Electric Properties of
Single Molecular Junctions and Self-Assembled Monolayers
— eMoHAMED IBRAHIM!, PHiLIPP WIESENER!, LUKE O’DRiscoLL?,
MAaRrTIN Bryce?, and Acaim KiTTeL! — 1Oldenburg University, Old-

enburg, Germany — 2Durham University, Durham, England

Over the last years, implanting organic molecules in devices is continu-
ously attracting large attention because of their small size (nm scale),
tunable electronic and thermal properties by manipulating individual
atoms. Therefore, it is obvious to extend the field of thermoelectrics
using molecules to cool devices and sensors very locally. A single layer
of well organized molecules is formed and realized by the self assembly
mechanism, which allows molecular moieties to be adsorbed sponta-
neously on a surface producing large domains. This motivated us to
report here about the characterisation of selfassembled oligo phenylene
ethynylene dithiol molecules (OPE3), and some specifically modified
forms by mainly adding side groups to it on gold surfaces by means
of X-ray photoelectron spectroscopy (XPS), reflected electron energy
loss (REELS), and ultraviolet photoelectron spectroscopy (UPS). The
results show that the unsubstituted OPE3 has a high densely packed
SAM with a thickness 1.7 nm, while the presence of substituents, at-
tached to the middle ring, led to variation of the SAM film thickness.
This indicates changes in the geometric configuration of the 7 stack-
ing of OPE3 especially, tilt angle and packing densities. Parent OPE3
REELS spectrum shows a band gap value of 2.01 eV which is totally
different than the reported value in the literature.

O 12.3 Mon 15:30 S051
Molecular orientation and phase transitions of DHTAP
oCLAUDIA Lo6pPEz-Posapas!, MicHAEL GyYOrROK!, ANTONY
TuoMmas?, THoMAs LreonNi?, OLivier Siri?, CoNrRaD Brcker?, and
PETER ZEPPENFELD! — lInstitute of Experimental Physics, Johannes
Kepler University Linz, Altenberger Str. 69, 4040 Linz, Austria —
2 Aix-Marseille University, CNRS, CINaM, UMR 7325, F-13288 Mar-
seille, France

The  structure and  orientation of 5,14-dihydro-5,7,12,14-
tetraazapentacene (DHTAP) layers deposited on Cu(110), Cu(110)-
(2x1)O and the Cu(110)/Cu(110)-(2x1)O stripe phase was studied
using reflectance difference spectroscopy (RDS), Scanning Tunneling
Microscopy (STM) and Low Energy Electron Diffraction (LEED). The
evolution of the RDS signal allows to identify the sequential formation
of up to three monolayers as well as a phase transition upon completion
of the first one. On Cu(110), DHTAP molecules in the first monolayer
are always lying flat with their long molecular axis aligned parallel to
the [-110]-direction of the Cu(110) surface. However, for subsequent
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layers the orientation critically depends on the deposition temperature
T. At T=240K the DHTAP molecules are mostly aligned parallel to
the ones in the first layer, whereas at room temperature and above
their preferential orientation is orthogonal to the molecules in the first
layer, the coexistence of the two orientations can be observed at a
critical temperature of T=270K. Finally, the main optical transitions
and the orientation of the transition dipole moments of the DHTAP
layers were extracted from the RDS spectra.

O 12.4 Mon 15:45 S051
Nickel(II) Porphyrins on Metal Surfaces: Oxidation-State
Tuning and Formation of a Supramolecular Mixed-Valence
Adsorbate Structure — eJAN HERRITSCH, QITANG FAN, MARIE-
IrRENE ALBUS, Lukas RuppPENTHAL, Lukas J. HEUPLICK, LEONARD
NEuHAUS, ToBias WASSERMANN, and J. MICHAEL GOTTFRIED —
Philipps-Universitat Marburg

Nickel tetrapyrrole complexes are structurally related to biologically
relevant molecules (e.g., F430 cofactor, tunichlorin, nibalamine) and
are promising precursors for novel functional interfaces. Here, we re-
port on the influence of the interaction at the metal/organic interface
on the electronic structure of a nickel octaethyl porphyrin (Ni(OEP))
monolayer on different coinage metal surfaces studied by XPS, UPS,
STM, NEXAFS and LEED. On Ag(111), Ni(OEP) forms a mixed-
valent adsorbate phase in which the Ni centers occur in two different
oxidation states. The two separate peaks in the Ni 2p XP spectrum in-
dicate that about 40% of the Ni centers are reduced. STM and LEED
show an incommensurate superstructure with an ordered arrangement
of the metal centers in different oxidation states. Further insights into
the valence electronic structure were obtained by UPS and NEXAFS.
On the more reactive Cu(111) surface, Ni(OEP) forms a long-range or-
dered structure in which nickel centers are uniformly reduced; whereas
on the most inert Au(111) surface, the oxidation state of the Ni centers
remains unaffected by adsorbate interactions.

O 12,5 Mon 16:00 S051
Electronic and structural properties at the NiTPP/O-
Cu(100) interface eJonan Erias Nitscuke!, HENNING
STurRMEIT!, TuLia Cojsocariu?, VitaLly FEYER?, ALESSANDRO
SaLa?, ANDREAs WINDISCHBACHER®, PETER PuscuniG?, STEFANO
Ponzont!, Giovannt ZamBorrLint!, and Mirko CINCHETTI! —
1Department of Physics, TU Dortmund University, Germany — 2Peter
Griinberg Institut (PGI-6), Forschungszentrum Jiilich, Germany —

3Institute of Physics, University of Graz, Austria

Depending on the strength of the molecule-substrate interaction,
charge transfer, chemical reactions or a redistribution of the electronic
cloud may occur at organic-metal interfaces. Here, we investigate
the structural and electronic properties of Nickel tetraphenylporphyrin
molecules (NiTPP) deposited on oxygen-passivated Cu (100) surface.
By using a multi-technique approach, which combines LEED and STM,
we reveal a coverage dependent superstructure with multiple domains
that ultimately reduces into a single unit cell.

In the latter configuration, STM measurements show that the
NiTPP molecules adsorb either with the macrocycle planar to the sur-
face on in a saddle-shape configuration, with the pairs of opposite pyr-
role rings tilted upwards. STS and photoemission orbital tomo-graphy
measurements show that, contrary to the NiTPP adsorbed on the bare
Cu(100) surface, where a significant charge transfer is observed, the
oxygen overlayer quenches the charge transfer at the interface, thus
offering a simple approach to physically decouple of the molecular film
from the underlying substrate.

O 12.6 Mon 16:15 S051
Surface Chemical Bond and Molecular Topology of Polycyclic
Aromatic Systems — eLukas RupPENTHAL!, FLORIAN MUNSTER!,
BeNEDIKT P. KLEIN', JAN HERRITSCH!, LEONARD NEUHAUS!, STE-
rFAN R. Kacner!, Penccar Liv2, Xing-Yu CueNZ, Jiawen Cao?,
LARs E. SATTLER®, SEBASTIAN M. WEBER?, QiTanc Fan!, GER-
HArRD Hird, Xiao-YeE Wanc?, and J. MicHAEL GOTTFRIED! —
I1Department of Chemistry, Philipps-University Marburg, Germany —
2College of Chemistry, Nankai University Tianjin, China — 3Institute
of Chemistry, Carl von Ossietzky University Oldenburg, Germany

Metal /organic interfaces have a large impact on the performance of
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organic (opto-)electronic devices. Therefore, the detailed understand-
ing of their chemical, electronic and geometric structure is important
for the further technological development. Many common organic
semiconductors contain 7-electron systems with alternant topologies,
whereas non-alternant alternatives have only recently found increasing
attention due to their unusual electronic properties. Here, we com-
pare the alternant polycyclic aromatic molecule pyrene with its non-
alternant isomers acepleiadylene and azupyrene regarding their inter-
action with Cu(111) surface, using PES, NEXAFS, TPD and STM.
The non-alternant isomers are also interesting as molecular models
of graphene defects, e.g. azupyrene for the Stone-Wales defects. In
all cases, the non-alternant isomers show increased metal/molecule-
interaction due to their reduced HOMO-LUMO gap, which brings the
LUMO energetically closer to the Fermi energy of the metal, causing
stronger hybridization with electronic states of the metal surfaces.

O 12.7 Mon 16:30 S051
Tailoring the organic-semiconductor/metallic interface:
From self-assembly to heteromolecular phases of carboxylic
acids on Ag surfaces — eMATTHIAS BLATNIK, VERONIKA STARA,
ANTON MAKOVEEV, JAKUB PLANER, THOMAS KRAJNAK, PAVEL
ProcHAzKA, and JaN CecnaL — CEITEC BUT, Brno, CZ

Atomic-level understanding of the metal/organic-semiconductor inter-
face has become paramount in the strife for the development and fab-
rication of more efficient organic electronic devices in recent years.
Interfacial properties are crucially linked to molecule-molecule and
molecule-substrate interactions, molecular functionalization (e.g., de-
protonation), a precise energy level alignment, substrate termination
or the formation of multi- or heterolayers with a different organic com-
pound. All these have to be well understood through the study of
model systems in ultra-clean conditions before technological advances
can be achieved. Here, we present a model system of self-assembled
aromatic carboxylic acids (e.g., 4,4’ Biphenyl Dicarboxylic Acid, 1,3,5-
Benzenetribenzoic Acid) on Ag surfaces (orientations (100) and (111)).
We explore the effects of the metal substrate’s orientation on forma-
tion and growth of single molecular phases, introduce a monolayer
thick layer as a charge injection layer and study the formation of a
heteromolecular compound with an additional organic material (e.g.,
pentacene). We employ low energy electron microscopy (LEEM) and
diffraction (LLEED), as well as STM and XPS to give a real-time view
and detailed information on nucleation and growth of the molecular
phases and transformations and the chemical composition.

O 12.8 Mon 16:45 S051
Highly ordered commensurate structures of merocyanines
on Ag(100) — eAnNA Juriana Kny!, Max RemmMER?, Noan AL-
SHAMERY!, R1TUu ToMaR!, THOMAS BREDOW!, SELINA OLTHOF?, and
MoriTz SokoLowski! — Institut fiir Physikalische und Theoretische
Chemie der Universitit Bonn, Germany — 2Department fiir Chemie
der Universitit zu Koln, Germany

Vacuum deposited films of the merocyanine molecule 2-[5-(5-
dibutylamino-thiophen-2-yl-methylene)-4-tert-butyl-5 H-thiazol-2-yli-
dene]-malononitrile (HB238) and its derivatives have been investigated
in the context of organic solar cells [1].

Although the specific structural order in these films is important for
the optical properties, only very little is known about the adsorption
and ordering of merocyanines on surfaces. Therefore, we investigated
monolayers of HB238 on a Ag(100) surface by SPA-LEED, STM, XPS,
UPS, and DFT calculations.

Upon deposition onto the Ag(100) surface at room temperature the
formation of a commensurate superstructure is observed. It is com-
posed of homochiral HB238 aggregates of four molecules. We dis-
cuss the surface bonding and structure formation in dependence of the
specific functional groups and, furthermore, the sterically demanding
donor substituents. For the role of the latter one, we also investigated
derivatives of HB238 on Ag(100). The merocyanines were synthesized
and kindly provided by the group of Prof. K. Meerholz (Cologne).

Supported by the DFG through the research training group 2591.
[1] JACS 137 (2015) 13524.

O 12.9 Mon 17:00 S051
Van der Waals Heteroepitaxy: Intrinsic Epitaxial Alignment
of Perfluoropentacene Films on Transition Metal Dichalco-
genides — eMAXIMILIAN DREHER, DARIUs GUNDER, and GREGOR
WiTTE — Philipps-University Marburg, Germany

In this work, we have studied the formation and azimuthal align-
ment of crystalline adlayers of the organic semiconductor (OSC) per-
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fluoropentacene (PFP) on the basal plane of several transition metal
dichalcogenides (TMDC) single crystals, which are further compared
to graphite and hBN. The quite inert basal planes of TMDCs enable
an unrestricted growth of OSCs without the requirement of relaxation
in terms of commensurability at the interface, since molecules exhibit a
stronger interaction among each other than with the substrate. Never-
theless, the crystalline PFP multilayers exhibit distinct azimuthal twist
angles relative to the substrate surface, which we could rationalize by
so called ’on-line coincidences’ introduced by Forker et al. recently. [1]
Here, the molecules do not favor a specific adsorption site at the inter-
face as it is often described by commensurate superstructures. Instead
the bulk crystal structure remains unperturbed down to the interface,
but a specific twist angle is adopted, where molecules avoid unfavored
adsorption sites. The extreme sensitivity of the resulting twist angles
by small deviations in the crystal structure enabled us further to use
the large thermal expansion of the OSC to control the twist angles by
changing the substrate temperature during deposition. [1] Forker et
al., Soft Matter 13, 1748-1758 (2017) [2] Dreher et al., Chem. Mater.
32, 20, 9034-9043 (2020)

0 12.10 Mon 17:15 S051
Steering Self-Assembly of Three-Dimensional Iptycenes on
Au(111) by Tuning Molecule-Surface Interactions — Lukas
GRrossMANNT2, eEva RINGEL!2, WoLFcaNnG HeckL!2, and MARKUS
LackiNngeR}2 — 1Deutsches Museum, Museumsinsel 1, 80538
Miinchen — 2Technische Universitit Miinchen, Physics Department,
James-Franck-Strasse 1, 85748 Garching

Three-dimensional organic molecules have been neglected in studies on
surfaces, even though their self-assemblies exhibit a far greater vari-
ability than their planar counterparts. While planar molecules adsorb
mostly flat on surfaces, three-dimensional molecules can adopt vastly
different adsorption geometries. This additional degree of freedom can
result in self-assembly of entirely different supramolecular structures.
Moreover, adsorption geometries can be steered by tuning molecule-
surface interactions, thereby providing a new means for 2D crystal en-
gineering. In this respect, iptycenes are highly stable, but currently un-
derexplored model compounds. Here, we study self-assembly of three-
fold symmetric triptycene derivates with extended anthracene blades
on Au(111) surfaces. Additionally, the influence of intrinsic dipole
moments was investigated by comparing analogs with peripheral fluo-
rine substitution. All structures were resolved by Scanning-Tunneling-
Microscopy under ultra-high vacuum conditions. On pristine Au(111),
the molecules maximize the area of contact, whereas iodine-passivation
affords hexagonal porous structures that feature optimized molecule-
molecule interactions through face-to-face stacking of all anthracene
blades.

O 12.11 Mon 17:30 S051
Adsorption of Submonolayer Coverages of Phenylphosphonic
Acid on Rutile TiO2(110) — ¢ ALEXANDER WOLFRAM!, MAXIMIL-
1aN Mutn!, Junia KoBL!, NataLrva Tsup?, Sascua MenL3, HaNs-
PETER STEINRUCK!, and OLE LyTKEN! — 1Friedrich-Alexander Uni-
versitdt Erlangen-Niirnberg, Lehrstuhl fiir Physikalische Chemie 2,
Egerlandstr. 3, 91058 Erlangen, GER — 2Charles University, Fac-
ulty, of Mathematics and Physics, Department of Surface and Plasma
Science, HoleSovickach 2, Prague, 18000, Czech Republic — 3Elettra-
Sincrotrone Trieste SCpA, Strada Statale 14, km 163.5, Trieste, Baso-
vizza, 34149, Italy

The interfaces of oxide surfaces with organic molecules are crucial for
the performance of devices, such as dye-sensitized solar cells, sensors
and organic electronics. All these devices contain interfaces where or-
ganic molecules are bound to surfaces, often using covalent anchoring
groups. These anchoring groups strongly influence the interface and
thus the device performance. An interesting anchoring group is the
phosphonic acid group, which is well known to bind strongly to ox-
ide surfaces. At ELETTRA sinchrotrone in Trieste we investigated
submonolayer coverages of phenylphosphonic acid on a rutile TiO2
(110) surface with high-resolution X-ray photoelectron spectroscopy
(XPS) and near-edge X-ray absorption fine structure (NEXAFS) spec-
troscopy. Based on the changes in the O 1s and P 2p core levels, we
are able to identify the different binding motifs present on the sur-
face at different temperatures, while the NEXAFS intensities gives us
information about the orientation of the phenyl moiety.

0 12.12 Mon 17:45 S051

Accurate determination of adsorption-energy differences of
metalloporphyrins on TiO2(110) 1x1 — eMAXIMILIAN MUTH,
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ALEXANDER WoLFRAM, ELMAR KaTAEV, JuLiA K&BL, HANS-PETER
STEINRUCK, and OLE LyTKEN — Univ. Erlangen-Niirnberg

A deeper knowledge of the behavior between porphyrin molecules and
the rutile TiO2(110) surface and is of crucial importance for the devel-
opment of new applications. Especially the usage of such systems
in photocatalysis or solar cells are promising possibilities. There-
fore, we investigated the adsorption energy of three different metallo-
tetraphenylporphyrins (MTPP M = Mg, Co, Zn). Unfortunately, tem-
perature programmed desorption, a typical method for the determina-
tion of adsorption energies is not applicable for this particular system
because of the irreversible adsorption of the monolayer in direct con-

tact to the TiO2-surface. For this reason, instead, we compared the
adsorption-energy of the three MTPPs relatively to each other by us-
ing a layer exchange experiment. We adsorb mixtures of always two
different MTPPs on top of each other and allow the molecules to dif-
fuse during a heating ramp. Eventually, an equilibrium state forms in
which the MTPP with the higher adsorption-energy will enrich in the
monolayer in direct contact with surface while the weaker adsorbing
MTPP will be enriched in the multilayer. After further heating for
multilayer desorption we determine the concentrations of the MTPPs
found in the remaining monolayer by using XPS and use them to calcu-
late the difference in adsorption-energy of MTPPs via the equilibrium
constant.

O 13: Nanostructures at Surfaces 2

Time: Monday 15:00-17:30

O 13.1 Mon 15:00 S052
A new setup for dimensional nanometrology using soft X-
rays — eLEONHARD LoHR!, RICHARD CIESIELSKI!, ANALiA FERNAN-
pEzZ HERRERO?, ANDREAS FISCHER!, ALEXANDER GROTHE!, FRANK
ScruoLze!, and Victor Sovrrwiscu! — 1Physikalisch-Technische
Bundesanstalt (PTB), Abbestrafie 2-12, 10587 Berlin, Germany —
2Helmholtz-Zentrum Berlin fiir Materialien und Energie, Albert-
Einstein-Strafe 15, 12489 Berlin, Germany

Measuring nanostructured surfaces on small test patterns on dies from
semiconductor fabs is an important metrology challenge. The geomet-
rical dimensions of metrology test structures, such as linear gratings,
must be determined with uncertainties in the sub-nm range. By using
methods such as small angle X-ray scattering or X-ray fluorescence
under grazing incidence, the photon beam spot size becomes too large
for sufficient accurate measurements.

We present a new setup, mounted on the soft X-ray beamline in
PTB’s laboratory at the electron storage ring BESSY II. This setup
works with synchrotron radiation in an ultra-high vacuum and with
lubricant-free mechanics. Its small and compact design enables to de-
tect scattered monochromatic soft X-rays under angles of incidence up
to 30 degrees. The setup reduces photon beam spot size and covers
diffraction patterns like them from scattered hard X-rays under grazing
incidence. Depending on the incident photon energy, fluorescence from
small excited regions of the sample can be measured simultaneously.

We present first measurement results from small test patterns which
are located by imaging the surface using a large photon beam.

O 13.2 Mon 15:15 S052
Synthesis of metal sulfide nanoribbons on graphene by self-
assembly — eXUEJIA0 ZHANG, KELVIN ANGGARA, VESNA SrROT, XU
Wu, PETER A. vaN AKEN, and KLaus KErRN — Max Planck Institute
for Solid State Research, 70569 Stuttgart, Germany

Bottom-up synthesis of nanostructures on surface have relied on the
self-assembly of nanoscale building blocks. The diversity of accessible
nanostructures however have been constrained by the limited choice
of atomic and molecular building blocks that can be evaporated on
surface. Here we bypass this limitation by using complex inorganic
ions generated from electrospray ionization as building blocks to syn-
thesize nanostructures on surfaces. We deposited HMonS3n+1** (n =
4-6) ions onto a freestanding single-layer graphene by Electrospray Ion-
Beam Deposition (ESIBD), and imaged the resulting nanostructures
by aberration-corrected Scanning Transmission Electron Microscopy
(STEM). The molecules were observed to form anisotropic, single-
layered, crystalline MoS2 nanoflakes (< 100 nm2), which in turn self-
assembled into MoS2 nanoribbons extending as far as 1 um. The first
observation of such nanostructures evidences the potential of this ap-
proach to prepare previously inaccessible nanomaterials on surfaces.

O 13.3 Mon 15:30 S052
Ni kagome lattice on Pb(111) — eGusTtav BinLMAYER!, YEN-HuI
Lin2, SteFaN BLUGEL!, and PiN-Jur Hsu? — !Peter Griinberg Insti-
tut and Institute for Advanced Simulation, Forschungszentrum Jilich,
D-52425 Jiilich, Germany — 2Department of Physics, National Tsing
Hua University, Hsinchu, 30013, Taiwan

Deposition of atomically thin films on well-ordered surfaces sometimes
allows realizing new structural motives that have no correspondence
in the bulk phases. Here we observe that, at low temperatures, sub-
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monolayer growth of Ni on a Pb(111) substrate leads to well-ordered,
hexagonal islands. In scanning tunneling microscopy (STM) two types
of edges with very different apparent height and scattering properties
are observed. From density functional theory (DFT) calculations and
STM images with atomic resolution we conclude that the Ni atoms
form a kagome lattice and the islands show saw-tooth edges. Compar-
ison of STM and DFT data suggests that some Ni atoms are incorpo-
rated in the subsurface layer and give rise to the low observed height
of the islands and the strong difference observed at their edges. From
the DFT calculations we conclude that the Ni island is non-magnetic
and the electronic structure shows some characteristics of the kagome
lattice, i.e. flat bands also visible in scanning tunneling spectra.

O 13.4 Mon 15:45 S052
DNA origami as reference systems for nano-metrology —

®ZIBA AKBARIANl’Q, BIRKA LALKENSl’Q, MICHELLE WEINERT3, INGO

BUSCH?, HARALD BossE®, and UTA scHLIcKkUuM'2 — ITechnische
Universitit Braunschweig, Braunschweig, Germany — 2Laboratory
for Emerging Nanometrology (LENA), Braunschweig, Germany —
3Physikalisch Technische Bundesanstalt (PTB), Braunschweig, Ger-

many

A key aspect of quantitative measurements is the traceability of all
measurements to the international system of units (SI). DNA origami
is capable of being traced back to SI units thanks to its precisely de-
fined internal structures in 2D and 3D. Here, we will describe the pos-
sibilities of building reference systems for calibrating scanning probe
instruments with pm resolution only that can be traced back to atom-
ically precise structures. In order to accomplish this goal, we plan to
fabricate DNA origami structures that include marks at well-defined
positions to obtain measurable protrusions within the internal struc-
tures. The controlled fabrication of DNA origami structures that do
not distort upon adsorption onto surfaces, in both liquid and air con-
ditions will be surveyed as the first step in this research.

O 13.5 Mon 16:00 S052
How covalent chemistry affects the surface dipole of metal-
lic nanostructures — RusTEM Borat!?, eJosE M. GUEVARA',
MarviN KnoLb2, PuiLipp LEINEN!, RusLaN TeMmirov!:2:3, OLIVER
T. HormaNN?, REINHARD J. MAURER®, F. STeEFAN TauTz!:2, and
CHrisTIAN WaceNERD'2 — 1Forschungszentrum Jiilich, Germany —
2RWTH Aachen University, Germany — 3Universitit zu Koln, Ger-
many — *Graz University of Technology, Austria — 5University of
Warwick, UK

Scanning probe experiments often encounter nanostructures of under-
coordinated metal atoms, either as the investigated system or at the
tip apex. While the electrostatic properties of extended planar surfaces
are textbook material, the interaction of metal adatoms with the sur-
face and with each other opens an interesting playground in which our
intuition for the covalent chemistry of such metal structures is limited.

Here we investigate Ag and Au adatoms, monoatomic chains and
small clusters, on the Ag (111) surface using quantum dot microscopy.
‘We image the electrostatic potential above these nanostructures and
quantify the respective surface dipoles. The two species of adatoms
behave antagonistic, as the surface dipoles are positive for Ag and
negative for Au structures. The measured dipoles are in excellent
agreement with density functional theory calculations. We disentangle
the influence of individual adatom-surface and adatom-adatom bonds
down to individual atomic orbitals.
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O 13.6 Mon 16:15 S052

Gold nanostructures with varying physicochemical sur-
rounding examined with surface second harmonic gener-
ation circular dichroism spectroscopy — eNaTaLIE FEHN!,
EnsaN Vanipzapen?, Karruik SHANKARZ?, UeLt Hriz!, and Aras
KarrouziaN! — 1Physical Chemistry, Department of Chemistry
and Catalysis Research Center, Technical University of Munich —
2Electrical and Computer Engineering Deptartment, Faculty of En-
gineering, University of Alberta

The sophisticated second-order spectroscopic methods of surface sec-
ond harmonic generation (s-SHG) and s-SHG circular dichroism spec-
troscopies (s-SHG-CD) provide additional and complementary struc-
tural information in regards to their linear counterparts, absorbance
and CD spectroscopy. Because of their surface sensitivity, s-SHG and
s-SHG-CD represent an excellent choice for the investigation of molec-
ular thin films and supported plasmonic structures, such as nanopar-
ticles and clusters. We are especially interested in the interaction of
such nanostructures with their surroundings, e.g. chiral molecule ad-
sorbates or oxide layers, with the goal of observing a chiral response
from the originally achiral particles. Those particles may then serve
as catalysts in asymmetric heterogeneous catalysis. This contribution
will focus on our research with emphasis on supported gold nanostruc-
tures.

O 13.7 Mon 16:30 S052
Elucidating the chirality of polycrystalline films with fun-
damental and SHG-CD — eKEevIN Liang!, FLorIAN RisTow?,
JakoB ScHEFFEL?, NaTaLlE FEaN!, REINHARD KIENBERGER?, UELI
Heiz!, Aras Karrouzian!, and Hristo IgLEVZ — !Physical Chem-
istry, Department of Chemistry and Catalysis Research Center, Tech-
nical University of Munich — 2Physics Department E11, Technical
University of Munich

Preferential desorption of enantiomers of 1,1’-Bi-2-naphthol (BINOL)
has been observed, depending on the handedness of circularly polarised
light, which is of interest for enantioenrichment processes. Therefore,
characterisation of the enantiomeric excess of the sample and the un-
derstanding of its chirality is key. However, that requires further stud-
ies and greater clarification to be carried out and obtained, respec-
tively. This contribution discusses the optical properties of BINOL
thin films with fundamental and second harmonic generation (SHG)
circular dichroism spectroscopy (CD) with different sample preparation
methods, enantiomeric compositions and under varying experimental
conditions. Depending on the previous conditions mentioned, the ob-
served CD and anisotropy (g) value can be even of opposite sign for
the same thin film.

O 13.8 Mon 16:45 S052
AFM studies of ion-exchange treated glass surfaces — eFaBIAN
Hounb3, FaBiaN ULLMANN!3, NORBERT ARNDT-STAUFENBIELZ, and
StEFAN KRiscHok!:3 — lInstitute of Physics, TU Ilmenau, Weimar-
erstrafie 25, 98693 Ilmenau, Germany — 2Fraunhofer Institute for Re-
liability and Microintegration, Gustav-Meyer-Allee 25, 13355 Berlin,
Germany — 3Center of Micro-and Nanotechnologies, TU Ilmenau,
Gustav-Kirchhof-Strafse 7, 98693 Ilmenau, Germany

There is a big difference between the bond strength of glass and its
respective tensile strength. The reason for this discrepancy is assumed
to be so-called ”microcracks”, this surface damage is considered to
massively reduces the tensile strength. We assume that these dam-
ages widen by stretching the surface and become thus more visible.
Another point that will be investigated, regarding this matter, is mi-
cro waveguides in glass. These are created by silver ion exchange in
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glass. It is assumed that the mentioned surface damages are a cause
for reduced quality of these waveguides. For this purpose, we exam-
ine the difference in topography between untreated Gorilla V1 glass
from Corning, a sample stretched using the three-point method and
a sample in which a silver ion exchange was carried out on the sur-
face. The difference in topography is first described qualitatively and
then determined quantitatively with roughness parameters. Finally, a
comparison of the three samples should provide an insight into the to-
pography of glasses under stress and a contribution to the optimization
of the mentioned waveguides.

O 13.9 Mon 17:00 S052
Processing copper surfaces with ultrashort laser pulses to
reduce secondary electron yield — eELENA Brz!:2, MARCEL
HimMmERLICH!, ANA KAREN REAscos PorriLLAl, PIERRE LORENZ3,
KLAUS ZIMMER®, MAURO TABORELLI', and ANDRE ANDERs23 —
LCERN, European Organization for Nuclear Research, 1211 Geneva
23, Switzerland — 2University of Leipzig, Linnéstr. 5, 04103 Leipzig,
Germany — S3Leibniz Institute of Surface Engineering (IOM), Per-
moserstr. 15, 04318 Leipzig, Germany

Ultrashort-pulse laser processing in air is employed to engrave micro-
and nanostructures on copper surfaces aiming to reduce secondary elec-
tron emission. Parameters such as the laser power and scanning speed
are varied to investigate their influence on the resulting structures. The
morphology, as well as the chemical composition of the laser-treated
surfaces, are analyzed by scanning electron microscopy (SEM) and X-
ray photoelectron spectroscopy (XPS), respectively. At low power and
high scanning speed, only slight changes to the surface topography oc-
cur, whereas compact, cauliflower-like nanostructures and micrometer
deep trenches are generated at high power and low scanning speed.
The higher the accumulated laser fluence, the more material is ablated
and the more oxidized particles are redeposited. A clear correlation
exists between the accumulated fluence for processing with 355, 532
and 1064 nm photons, and the resulting secondary electron yield of the
surface. Its maximum can be reduced from 2.2 to 0.7. Mastering these
dependencies helps to develop a system that enables laser processing
of beam pipes of selected magnets in the Large Hadron Collider.

O 13.10 Mon 17:15 S052
Highly ordered three-dimensional Ni-TiO2 nanopore arrays
as sodium-ion battery anodes — eMo SHA, HuapPiNG ZHAO, and
Yonc Ler — Fachgebiet Angewandte Nanophysik, Institut fiir Physik
& IMN MacroNano, Technische Universitat Ilmenau, 98693 Ilmenau,
Germany

Sodium-ion batteries (SIBs) represent an effective energy storage tech-
nology with potentially lower material costs than lithium-ion batteries.
Here, we show the electrochemical performance of SIBs with electrode
design at the nanoscale. Highly ordered three-dimensional (3D) self-
supported Ni-TiO2 nanopore arrays (NiINPA@TiO2) with highly ori-
ented nanoporous structures are fabricated using nanoimprited AAO
templating technique and applied as nanostructured anodes for SIBs
applications. Their large specific surface area can ensure a high ca-
pacity, and their highly oriented and stable nanoporous structure can
facilitate ion transport. The NINPAQTiO2 nanoarrays delivered a re-
versible capacity of 240 mAh g-1 after 100 cycles at the current density
of 50 mAh g-1 and were able to retain a capacity of 105 mAh g-1 at the
current density as high as 5 A g-1. Their large active sites, high ion
accessibility, fast electron transport, and excellent electrode integrity
were shown as great merits to obtain the presented electrochemical
performance. Not limited to the SIBs electrodes, the highly ordered
3D heterostructured nanoarrays as a promising electrode design for
other electrochemical energy conversion and storage devices.
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O 14.1 Mon 15:00 S053
The importance of the dipole at the metal tip apex when
approaching closer with a CO tip — eSHINJAE NaMm, OLIVER
GRETZ, THOMAS HoLzZMANN, ALFRED JOHN WEYMOUTH, and FRANZ
J. GiessiBLE — University of Regensburg, Regensburg, Germany

By functionalizing the tip with a single CO molecule, the resolution
of atomic force microscope (AFM) can be drastically increased. The
contrast enhancement produced by a CO tip has been explained in
terms of strong Pauli repulsion and the associated tilting of the probe
molecule. Although these two interactions play a dominant role at
very close distances, recent experiments show that other interactions,
especially electrostatic forces, are also important to understand the
observed contrast. Here, we used Lateral Force Microscope, a vari-
ant of frequency modulation atomic force microscopy, to quantify the
interaction between a CO tip and a CO on the Cu (111) surface. In-
terestingly, one more feature appeared in the measurement when we
measured closer to the surface at the side of the surface CO. Following
the results of other investigations, we include the electrostatic force
in our simulations. We modeled our tip as a quadrupole, including
a dipole at both the metal tip and on the CO molecules. We found
that the dipole of the metal apex of the tip becomes a much greater
influence as we approach closer to the surface.

O 14.2 Mon 15:15 S053
Chemical bond imaging using torsional and flexural higher
eigenmodes of qPlus sensors — eDANIEL MARTIN-JIMENEzZ!,
MicHAEL G. RUPPERT?, ALEXANDER IHLE', SEBASTIAN AHLES®,
HerMANN A. WEGNER?, ANDRE ScHIRMEISEN', and DANIEL
EBELING! — !Institute of Applied Physics, Justus Liebig Univer-
sity Giessen, Heinrich-Buff-Ring 16, 35392 Giessen (Germany).
2University of Newcastle, Callaghan, NSW, 2308 (Australia).
3Institute of Organic Chemistry, Justus Liebig University Giessen,

Heinrich-Buff-Ring 17, 35392 Giessen (Germany).

Non-contact atomic force microscopy (AFM) with CO-functionalized
tips allows to visualize the chemical structure of adsorbed molecules
and identify individual inter- and intramolecular bonds. Herein, we
analyze the suitability of qPlus sensors, which are commonly used for
bond imaging, for the application of modern multifrequency AFM tech-
niques. Two different qPlus sensors were tested for submolecular reso-
lution imaging via actuating torsional and flexural higher eigenmodes
and via bimodal AFM. The torsional eigenmode of the first sensor is
perfectly suited for performing lateral force microscopy (LFM) with
single bond resolution. The advantage of using a torsional eigenmode
is that the same molecule can be imaged either with a vertically or
laterally oscillating tip without replacing the sensor simply by actu-
ating a different eigenmode. Submolecular resolution is also achieved
by actuating the 2nd flexural eigenmode of our second sensor. With
laser Doppler vibrometry measurements and AFM simulations we can
rationalize the image contrast mechanism of the 2nd eigenmode.

O 14.3 Mon 15:30 S053
3D Force mapping of single organic molecules at room tem-
perature — eTimMoTHY BrOwN, PHILIP BLOWEY, Jack HENRY, and
ApaM SWEETMAN — University of Leeds, Leeds, UK

Scanning probe microscopy has established itself as a highly effective
technique in the study of surfaces and molecules. In particular, non-
contact atomic force microscopy has yielded enormous progress in our
ability to characterise materials at the atomic scale, including the abil-
ity to resolve the chemical structure of individual molecules, and to
acquire 3D force-maps with intramolecular resolution.

Intramolecular imaging is almost exclusively performed using qPlus
sensors at cryogenic temperatures, as the functionalisation of the tip
via a CO molecule (required for intra-molecular imaging) is only stable
at near liquid helium temperatures. Although it has been shown that
intramolecular imaging may be performed at higher temperatures, via
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use of semi-conducting, rather than metallic substrates, acquisition of
high density 3D data sets generally requires long acquisition times.
Hence the lack of thermal equilibrium between the tip and sample
at room temperature makes acquisition of these datasets at elevated
temperatures extremely challenging.

In this talk we present the first demonstration of high resolution
3D force mapping of a single organic molecule at room temperature
using conventional silicon cantilevers. We show how the challenges
of operating in a room temperature experimental environment can be
overcome to acquire reproducible 3D force maps of a resolution and
quality previously only demonstrated at low temperature.

O 14.4 Mon 15:45 S053
Monitoring of molecular configurations during manipulation

with a scanning probe microscope — eJosHua ScHEIDT!:?,

ALEXANDER DIENERD'Z, MicHAEL MAarworM3, RoLF FINDEISENS,
Kurr Driessens?, F. STErFAN TauTz!, and CHRISTIAN WAGNER! —
IPeter Griinberg Institut (PGI-3), Forschungszentrum Jiilich, Jiilich,
Germany — 2Maastricht University, Data Science and Knowledge En-
gineering, Maastricht, Netherlands — 3Control and Cyber-Physical
Systems Laboratory, Technische Universitdt Darmstadt, Darmstadt,

Germany

A bold vision of nanofabrication is the assembly of functional molec-
ular structures with a scanning probe microscope (SPM). Such an ap-
proach allows the quick variation of conformation and composition of
(supra)molecular systems and an assessment of these parameters on
the envisioned functionality. However, monitoring the molecular con-
formations during manipulations remain elusive due to the dual role of
the SPM tip as an actuator and an imaging probe. We present an ap-
proach which enables monitoring based on continuously gathered force
gradient data using a particle filter approach, which solves the inverse
problem of conformation monitoring by comparing current force gra-
dient data to a structured set of simulations stored in the form of a
finite state automaton. This allows using molecular simulations with
wall-times for completion much longer than the time scale of the exper-
iments. Our proof-of-principle investigations are based on the vertical
SPM manipulation of a PTCDA (3,4,9,10-perylene-tetracarboxylic di-
anhydride) molecule on the Au(111) surface.

O 14.5 Mon 16:00 S053
Real-space imaging of o-hole by means of Kelvin probe force
microscopy. — eAURELIO GALLARDO!, BENJAMIN MALLADAZ,
BruNo DE LA TorRE?, and PaveL JeLINEK! — 1FZU of the CAS,
Prague, Czech Republic — 2RCPTM-CATRIN, Palacky University,
Olomouc Czech Republic

Anisotropic charge distributions on individual atoms, such as o-holes,
are crucial for the structural properties of certain systems. Neverthe-
less, the existence of o-holes has only been demonstrated indirectly,
either observing the interaction between halogenated molecules or by
theoretical calculations. However, there was no experimental technique
that would allow the spatail resolution of anisotropic atomic charges.

To tackle this problem, we employed Kelvin probe force microscopy
(KPFM) which imaging mechanism relays on the electrostatic tip-
sample interaction. To achieve the requested resolution, we devel-
oped a theoretical description of the KPFM imaging mechanism on
atomic scale, which enables optimize the experimental setup. Namely
we demonstrated both theoretically and experimentally that probe tip
functionalization by a single Xe atom enhances the spatial resolution
to directly visualize the anisotropic charge of the o-hole, as well as the
quadrupolar character of the carbon monoxide molecule. [1]

We believe that this work large already outstanding imaging capa-
bilities of scanning probe techniques. In particular, this KPFM tech-
nique will enable better description of charge distribution in molecular
complexes as well as on surfaces.

References: [1] Mallada et al., Science 374, 863-867 (2021)
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Time: Monday 15:00-18:00

Topical Talk O 15.1 Mon 15:00 S054
Hydration Layer Mapping at Solid-Liquid Interfaces —
o ANGELIKA KUHNLE — Physical Chemistry I, Department of Chem-
istry, University Bielefeld, Universitatsstrafte 25, 33615 Bielefeld, Ger-
many

Solid-liquid interfaces are omnipresent in nature and technology. Un-
der ambient conditions, the properties of many materials are governed
by a thin layer of water at the interface. Understanding processes
occurring at the solid-liquid interface thus almost always requires a
detailed knowledge of the hydration structure at the interface. Recent
improvements in atomic force microscopy (AFM) instrumentation now
enable molecular-level insights into the three-dimensional (3D) solva-
tion structure at the interface.

In this talk, the capability of 3D AFM will be presented by discussing
the hydration structure at the gypsum-water interface. Gypsum, the
dihydrate of calcium sulfate, is an abundant rock-forming mineral in
the Earth’s crust. It is composed of alternating bilayers of calcium
sulfate and water. Upon cleavage, the crystal water is exposed. What
is the fate of this crystal water at the aqueous interface? Comparing
3D AFM data with water density maps derived from molecular dy-
namics simulations allows for elucidating molecular-level details of the
gypsum-water interface. Our findings indicate that the crystal water
at the interface remains tightly bound, even when in contact with bulk
water. Thus, the interfacial chemistry of gypsum is governed by the
crystal water rather than the calcium or sulfate ions.

O 15.2 Mon 15:30 S054
Self-assembly and thin film growth dynamics of an ionic lig-
uid on Au(111) investigated in real space — MANUEL MEUSEL!,
MarTHIAS LExow!, AFrRA GEezmis!, SiMON ScHOTZ!, MARGARETA
WAGNER?, eSIMON JAEKEL', ANDREAS BAYER!, FLORIAN MAIER!,
and HaNs-PETER STEINRUCK! — 1Chair of Physical Chemistry II,
University of Erlangen-Niirnberg (FAU), Germany — 2Institute of Ap-

plied Physics, Technical University of Vienna, Austria

Tonic liquids (IL) are organic salts with low melting points, often at
or even below room temperature. They have shown promise as sol-
vents and electrolytes, but have also become part of novel catalytical
concepts involving solid metal catalysts.

In this context, our group studied the self-assembly and
growth dynamics of thin films of 1,3-dimethylimidazolium
bis[(trifluoromethyl)sulfonyl|imide ([C1CiIm|[Tf2N]) on the model
surface of Au(111) using scanning probe microscopy[1,2,3]. Our ex-
periments show that the film undergoes distinct phases between the
growth of the wetting layer and subsequent multilayers. Further,
2D film growth is shown to be in competition with the growth of a
metastable 3D droplet phase, with the dominant growth mode deter-
mined by a combination of temperature and nucleus formation.

[1] Meusel et al. ACS Nano 14 (2020) 9000-9010

[2] Meusel et al. Langmuir 36 (2020) 13670-13681

[3] Meusel et al. J. Phys. Chem. C 125 (2021) 20439-20449

O 15.3 Mon 15:45 S054
Hydration layers at the graphite-water interface: Attraction
or confinement? — HAGEN SONGEN!, YcorR MORAIS JAQUESZ,
Lip1ja ZivaNovic?, SEBASTIAN SEIBERT!, eRALF BECHSTEIN!, PE-
TER SPIJKER2, HIROsHI ONIsHI®, ApAM S. FosTER?4, and ANGELIKA
KuuNLE! — 'Physical Chemistry I, Bielefeld University, Germany —
2COMP Centre of Excellence, Department of Applied Physics, Aalto
University, Helsinki, Finland — 3Department of Chemistry, Kobe Uni-
versity, Japan — “Division of Electrical Engineering and Computer
Science, Kanazawa University, Japan

Water molecules at solid surfaces typically arrange in layers. The phys-
ical origin of the hydration layers is usually explained by (1) the at-
traction between the surface and the water and/or (2) the confinement
of water due to the presence of the surface. While attraction is specific
for the particular solid-solvent combination, confinement is a general
effect at surfaces. A differentiation between the two effects is critical
for interpreting hydration structures. At the graphite-water interface,
the solid-solvent attraction is often considered to be negligible. Nev-
ertheless, we observe hydration layers using three-dimensional atomic
force microscopy at the graphite-water interface. We use Monte Carlo
simulations to explain why confinement alone could cause the forma-
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tion of hydration layers. With molecular dynamics simulations, we
show that at ambient conditions, there is a significant graphite-water
attraction which is pivotal for the formation of layers at the graphite-
water interface.

[1] H. Songen et al., Physical Review B, 100 (2019) 205410

O 154 Mon 16:00 S054
Investigation of the wetting layer of [C1C1lIm][Tf2N] on
Pt(111) by variable temperature scanning tunneling mi-
croscopy — eAFrRA GEzMIS, SIMON JAEKEL, MANUEL MEUSEL, AN-
DREAS BAYER, FLORIAN MAIER, and HANS-PETER STEINRUCK —
Lehrstuhl fiir Physikalische Chemie 11, Universitdt Erlangen-Nirnberg,
Egerlandstr. 3, 91058 Erlangen, Germany

With the introduction of Ionic liquids (IL) novel catalytic concepts
like the Solid Catalyst with Ionic Liquid Layer (SCILL) approach
have emerged. In a SCILL system, a high surface area solid sub-
strate is covered with a thin IL film, and this film modifies cat-
alytically active surface sites at the support. In order to gain bet-
ter insights in the underlying effects, it is crucial to obtain a de-
tailed understanding of the IL/solid interface. Due to the low va-
por pressure of ILs, these interfaces can be investigated in ultra-
high vacuum by surface science methods. Herein, we present our
first study on the adsorption behavior of 1,3-dimethylimidazolium
bis|(trifluoromethyl)sulfonyl|imide ([C1C1Im|[Tf2N]) on the reactive
Pt(111) surface by variable-temperature scanning tunneling mi-
croscopy. We investigated the effect of temperature for coverages up
to a closed wetting layer, in particular the formation of 2D islands and
their temperature-dependent size. Interestingly, we were even able to
detect mobile, single ion pairs on the surface, while for the 2D struc-
tures only limited mobility was seen.

Supported through an ERC Advanced Grant to H.P.S (#693398
ILID)

O 15.5 Mon 16:15 S054
bias-dependent switching of molecular nanostructures at the
liquid-HOPG interface: the influence of concentration —
eBaoxiN Jial, MinAELA ENAcHE!, SANDRA MiGUEz-LAaco?, MILAN
Krvara?, and MeikE SToHR! — Zernike Institute for Advanced Ma-
terials, University of Groningen, Netherlands — 2Institute of Organic
Chemistry, University of Heidelberg, Germany

Here we discuss the influence of concentration on the bias-dependent
switching of a carboxy-functionalized triarylamine derivative at the
nonanoic acid-HOPG interface studied by STM. For a fully saturated
solution, a porous phase (chickenwire) was observed for negative sam-
ple bias and a close-packed phase for positive sample bias. For a
50% saturated solution, a second porous phase (flower) coexisted with
the chickenwire phase at negative sample bias, while the close-packed
phase was observed at positive sample bias. For a 20% saturated so-
lution, the two porous phases and the close-packed phase coexisted at
positive sample bias, while the two porous phases were observed at
negative bias. For all concentrations investigated, a reversible phase
transformation between the porous phases and the close-packed phase
was accomplished by changing the bias polarity. Additionally, the
switching behaviour for a 10:1 mixture of the triarylamine deriva-
tives and 1,3 5-tris(4-carboxyphenyl) benzene molecules at the inter-
face was studied. No intermixed structures were observed. Instead,
both molecules formed networks separately but still showed a bias-
induced phase transformation. However, the switching occurred for
each molecule separately and no effect of cooperativity was detected.

O 15.6 Mon 16:30 S054
In-situ investigation of surface band-bending in the
Zn0O(0001)-OH /electrolyte interface via the excitonic re-
sponse. — eL.uis RosiLLo-Orozco, CurisToPH COBET, and KURT
HinGeERL — Johannes Kepler University, Linz, Austria

In recent years, the effects of adsorbates on the surface band-bending
in ZnO have been studied in UHV and characterized by Valence-Band
XPS [1],]2]; showing an alteration of the space-charge region due to
the electron transfer that occurs in the absorption processes. In this
work we aim to understand the surface optical properties of a hydrox-
ide stabilized ZnO(0001)-OH surface, previously obtained by chemical
etching by Valtiner et al. [3], in contact with 0.1M NaClO4 as an
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electrolyte at a certain applied potential. By changing the cell applied
potential, we can, in principle, produce any form of band bending at
the semiconductor surface [4] including the flat-band condition. We
use in-situ spectroscopic ellipsometry while varying the cell applied
potential in order to study the response of the discrete excitons due
to the inner electrical fields created by the band bending. We can
identify the flat-band potential (Vfb) as the one where the imaginary
part of the pseudo-dielectric function shows no change at the energy
corresponding to the discrete exciton transition. By modulating the
potential barrier at the interface we are able to investigate the re-
sponse of the excitons at any given applied potential. Furthermore,
given the significant sensibility of the band-bending to a surface dipole
change, it is possible to use this technique to look into the effects of a
modification of the surface such as adsorbates.

O 15.7 Mon 16:45 S054
Dynamic Polymorph Formation of a Trimesic Acid Derivative
at Solid-Liquid Interface — eRicHA ARJARIYA!, VIPIN MisHRAL,
GacanDEEP KAUR!, SANDEEP VERMA!, MARKUS LACKINGER?, and
THIRUVANCHERIL G GoPAKUMAR! — l1Department of Chemistry,
Indian Institute of Technology Kanpur, Kanpur, UP-208016, India
— 2Department of Physics, Technical University of Munich, James-
Franck-Strasse 1, Garching 85748 and Deutsches Museum, Museum-
sinsel 1, Munich 80538, Germany

In this work we show the self-assembly of a tricarboxylic acid deriva-
tive of trimesic acid (BTA) at heptanoic acid-, nonanoic acid-graphite
interface. At both interfaces BTA forms a trimer based-self-assembly,
super-flower (SF) pattern. The spontaneously formed SF pattern is
observed to be dynamically converting to a dimer-based assembly,
chicken-wire pattern (CW), at heptanoic acid-graphite interface while
scanning. Interestingly, at nonanoic acid-graphite interface, SF pat-
tern remains stable and not converted to CW pattern. We attribute
that the formation energy of both SF and CW patterns is comparable.
The difference in the stability of different patterns in heptanoic acid
and nonanoic acid is most likely related to the solubility of BTA in
these solvents.[1,2]

1) T. N. Ha, T. G. Gopakumar, M. Hietschold, J. Phys. Chem. C,
2011, 115, 21743.

2) M. Lackinger, S. Griessl, W. M. Heckl, M. Hietschold and G. W.
Flynn, Langmuir, 2005, 21, 11, 4984-4988

O 15.8 Mon 17:00 S054
in-situ optical probe of chloride-induced surface states in
Cu(110)/liquid interfaces — eSauL VazQuez-Miranpal, KuUrr
HincerL!, and CurisTorH CoBET!? — !Johannes Kepler Univer-
sitit Linz Altenberger Strafe 69 4040 Linz, Austria — 2Johannes Ke-
pler Universitat, Linz School of Education, A-4040 Linz, Austria

While surface states (SSs) appearance and role in metal-electrolyte
interfaces are still a controversial debate. The existence of SSs, per-
mits control and tunability of electronic properties of metal-electrolyte
interfaces. Resonant excitations among them could enhance, e.g. pho-
tocatalytic reactions. SSs and other properties are readily adjustable
via an applied electrical potential that is, by promoting changes in the
adsorption of ionic species. The electrolyte induces additional scatter-
ing and screening effects, so that the electron charge distributions can
differ considerably in the presence of high electric fields. We report,
by means of electrochemical impedance spectroscopy (EIS) jointly with
in-situ reflectance anisotropy spectroscopy (RAS), which aimed to as-
sess the evolution of surface properties and SSs occurring at Cu (110)
in contact with an HCI solution. Thereafter, by modeling the RAS
response and in comparison with EC-STM measurements, specific sur-
face structures have been identified and ascribed to the optical re-
sponse. In a specific potential range, three additional resonances are
detected in RAS that can be explained by two-dimensional confined
SSs.

O 15.9 Mon 17:15 S054
In-situ electrochemical X-ray photoelectron spectroscopy as
laboratory technique to study the electrified interface —
oCHRISTOPH GRIESSER, DANIEL WINKLER, T'ONI MOSER, and JuLia
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Kunze-LiEBHAUSER — Department of Physical Chemistry, University
of Innsbruck, Innrain 52¢, Innsbruck, Austria

The interface between a charged metal and an aqueous electrolyte
is the most commonly studied in electrochemical surface science, as
its properties determine the reactivity of many systems relevant for
technological applications. More specifically, in the electrocatalytic
conversion of energy, the activity, selectivity and efficiency are deter-
mined by the charge transfer between electrolyte and electrode, which
is governed by the interfacial properties of the system. Therefore, a
fundamental understanding of the interplay between applied potential
and surface/interface chemistry is pivotal to further advance energy
conversion and storage technologies. While there are several in-situ
methods, to characterize the surface structure under reaction condi-
tions, the surface chemistry (i.e. the elemental composition of the
surface and the oxidation state of the components) itself is still most
often investigated via ex-situ X-ray photoelectron spectroscopy (XPS).
This work presents first in situ electrochemical XPS results obtained
with a laboratory near ambient pressure (NAP-) XPS system. We
show, that it is possible to track the oxidation state of a bulk gold
(Au) electrode under reaction conditions, i.e. during anodic oxidation.

0 15.10 Mon 17:30 S054
Structure dependent product selectivity of the CO electrore-
duction on Au(111) electrodes modified with Cu adatoms —
eDANIEL WINKLER, ToNI MOSER, CHRISTOPH GRIESSER, MATTHIAS
LEITNER, and JuLiA KunNze-LIEBHAUSER — University of Innsbruck,
Innrain 52c, 6020 Innsbruck, Austria

The efficient conversion of carbon dioxide (CO2) into valuable hydro-
carbons could be a promising solution for storage of excess energy and
carbon neutral transportation. The electrochemical reduction of COg
has been extensively studied on different monometallic surfaces, where
Cu remains the only metal providing a sufficient formation activity to
value-added products, such as methane or ethylene. Despite this ben-
eficial behavior, further strategies to increase the product selectivity
must be found. This can be accomplished by understanding the exact
CO2 reduction reaction (CO2RR) mechanism, which remains one of
the most challenging problems. Here we focus on the carbon monoxide
(CO) reduction on Au(111) electrodes modified with different cover-
ages of Cu adatoms to address this issue. Differential electrochemical
mass spectrometry (DEMS) shows an increase in selectivity for the
formation of ethylene at low Cu coverages. In situ electrochemical
scanning tunneling microscopy (EC-STM) and X-ray photoelectron
spectroscopy results suggest that two different neighboring CO ad-
sorption sites present at the interface between the metallic Cu islands
and the Au(111) surface, which is maximized at low coverages, provide
ideal conditions for a facilitated CO-CO coupling reaction resulting in
an enhanced formation of ethylene.

O 15.11 Mon 17:45 S054
Electrochemical reflection anisotropy spectroscopy for time-
resolved interface structures in aqueous and non-aqueous
electrolytes — eMaTTHiAS M. May!2, MarcoT Guipar!2, MARIO
Low?2, FLoriaNn KeLLER?, JusTus LEeist?, and Jonemin Kimv1:2 —
IUniversitdt Tiibingen, Institute of Physical and Theoretical Chem-
istry, Tiibingen, Germany — 2Universitat Ulm, Institute of Theoreti-
cal Chemistry, Ulm, Germany

The microscopic structure of electrochemical interfaces determines
many properties that are decisive for the performance of applications
in catalysis or batteries. Yet access to this solid-liquid interface at
sufficient temporal and spatial resolution is challenging and limits the
understanding of this complex interface. Electrochemical reflection
anisotropy spectroscopy (RAS) is a powerful emerging tool in spectro-
electrochemistry [1], which we apply to a number of systems relevant
for energy and matter conversion. Here, we present initial results on
InP and Au in aqueous systems as well as select post-Li battery sys-
tems. For InP, we can directly observe stability windows with respect
to applied potentials and electrolyte composition. We highlight the
potential and challenges of electrochemical RAS from a perspective of
both computational and experimental spectroscopy.
[1] May and Sprik, New. J. Phys. 20 (2018) 033031.
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O 16.1 Mon 18:00 P4
Probing photo-induced, ultra-fast dynamics by time-resolved
spectroscopic ellipsometry — oFELIX-FLORIAN DELATOWSKINS,
KrisiNA KHAKURELY, JOrRG RapPpicH?, SHIRLY EspiNozal, MATEUSZ
REBARZ!', MARTIN ZAHRADNIK', and JAkoB ANDREAssoN! — 'ELI
Beamlines, Institute of Physics, Czech Academy of Sciences, Czech Re-
public — 2Institute Silicon Photovoltaics, Helmholtz-Zentrum Berlin
fiir Materialien und Energie, Germany — S3Semiconductor Physics
Group, Felix Bloch Institute for Solid State Physics, Universitat
Leipzig, Germany

Photo-induced phenomena, such as charge carrier and structural dy-
namics, charge transfer and relaxation processes on sub-picosecond
time scales are of great interest for a profound understanding of
light-matter interaction. Time-resolved spectroscopic ellipsometry is
a promising surface sensitive tool to investigate these phenomena. In
this work, we explore the potential of this measurement technique ex-
emplary on germanium and gold and present preliminary experimental
results.

In addition to the experimental observations, we also present an
approach to predict ellipsometry spectra through ab-initio DFT cal-
culations using the program SIESTA. In order to extend this ap-
proach, some preliminary measurements of organic molecules (Pyrim-
idine) have been performed. We discuss the benefits that the synergy
of ab-initio based spectrum predictions and experiments bring in the
interpretation of the dynamics in the sample.

O 16.2 Mon 18:00 P4
Tailoring the carrier dynamics of WSe2 by the ad-
sorption of CuPc — eGREGOR ZINKE!, SEBAsTIAN HEeEDWIG!,
BeniTo ARNOLDI', MARTIN AESCHLIMANNY, and BENJAMIN
STADTMUELLER!"? — !Department of Physics and Research Center
OPTIMAS, TU Kaiserslautern, Erwin-Schroedinger-Str. 46, 67663
Kaiserslautern, Germany — 2Institute of Physics, Johannes Guten-

berg University Mainz, Staudingerweg 7, 55128 Mainz, Germany

Tailoring the electronic properties and carrier dynamics of 2D-Van-
der-Waals materials is a highly promising way to design spin function-
alities in low dimensions. This is often achieved by the formation of
heterostructures with other Van-der-Waals materials.

Here, we functionalize the carrier dynamics of the prototypical Van-
der-Waals material WSea by the adsorption of the aromatic molecule
CuPc. Using time- and angle-resolved photoemission with XUV-
radiation, we investigate the temporal evolution of the excited states at
the K- and X-points of WSes after an optical excitation. For the bare
WSez, we find a spin selective excitation at the K-point depending on
the pump light polarization [1|, which is followed by a spin-flip scat-
tering from the K- to the X-point. After the adsorption of CuPc, the
excitation scheme is completely altered. In particular, we uncovered
a direct interlayer excitation from the CuPc into the WSes layer that
dominates the carrier dynamics of the CuPc/WSez heterostructure.

Reference: [1] Bertoni et al.; Phys. Rev. Lett. 117, 277201 (2016)

O 16.3 Mon 18:00 P4
Numerous Improvements on Ultrafast Pump-Probe RHEED
Experiment — eJoNAs FORTMANNY, CHRISTIAN BRAND!, THORBEN
GRrRoVEN!, MonaMMAD Tajik!, MicHAEL HorN-voN HorgeN!, and
TrOMAS DUDEN2 — ! Department of Physics and Center for Nanointe-
gration CENIDE, University of Duisburg-Essen, Lotharstrafe 1, 47057
Duisburg — 2Construction office, Mustangweg 17, D-33649, Bielefeld

During the last year, major improvements have been made to our
ultrafast time-resolved reflection high energy electron diffraction (tr-
RHEED) experiment. In particular, the previous detection unit con-
sisting of a multichannel plate and a cooled CCD camera has been
replaced by a single electron sensitive CMOS based camera (TVIPS
TemCam XF-416), which allows spot profile analysis with its superior
resolution and signal-to-noise ratio and no blooming. Flatfielding of
the detector is achieved with a home-built electron source at 20 keV
accompanied by an external EM-deflection unit. In addition, the 80 fs-
laser pump pulse (A = 800nm) has been upgraded with an optical
parametric amplifier (Topas Prime) that allows excitation of the sam-
ple’s surface at 1.16 — 2.60 um in future experiments. Re-routing of
the beamline has shortened the beam paths by ~ 1.5 m and saved half
of the mirrors, which provides higher beam stability. Also the third
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harmonic generation (THG) stage for electron generation in the Au
film photocathode has been optimized. A new lab software has been
established on the basis of TANGO controls. First experimental data
with the new setup are shown.

0 16.4 Mon 18:00 P4
Ultrafast optical spectroscopy of few-layer TMDCs under
ultrahigh-vacuum conditions — eMaxiMiLIAN Franz, KivLian
KunLBroDT, JAN GERRIT HORSTMANN, and CrLAaus RoPErs — Max-
Plank-Institut fiir Multidisziplindre Naturwissenschaften, Gottingen,
Germany

Optical pump-probe spectroscopy (OPP) has enabled detailed inves-
tigations of the nonequilibrium optical properties of atomically thin
materials, with prominent examples in graphene or transition metal
dichalcogenide (TMDCs) heterostructures [1]. However, these materi-
als are often susceptible to oxidation and contamination under atmo-
spheric conditions, resulting in strongly altered physical and chemical
properties [2]. Here, we present the development of an OPP setup for
the investigation of dynamics in few-layer TMDCs and heterostruc-
tures under ultrahigh vacuum (UHV) conditions. We present first re-
sults on the ultrafast phase transition in 17-TaS» samples using time-
resolved reflectance and transmittance measurements with fs temporal
and pm spatial resolutions. Furthermore, we discuss possible applica-
tions, e.g., layer-selective optical excitation of TMDC heterostructures,
and the combination of OPP with structure-sensitive techniques like
ultrafast low-energy electron diffraction [3].

[1] C. Jin et al., Nature Nanotechnology 13, 994-1003 (2018); [2] Y.
Yu et al., Nature Nanotechnology 10, 270-276 (2015); [3] S. Vogelge-
sang et al., Nature Physics 14, 184-190 (2018)

O 16.5 Mon 18:00 P4
Description for the electronic non-equilibrium after ultra-
short laser excitation of metals — eMARrRKUS UEHLEIN, SEBAS-
TIAN T. WEBER, and BAERBEL RETHFELD — Department of Physics
and Research Center OPTIMAS, TU Kaiserslautern, Germany

When a metal is excited by a femtosecond laser pulse in the visible
range, electrons absorb the energy, resulting in a non-equilibrium en-
ergy distribution. This absorption behavior and the following ther-
malization to a hot Fermi distribution can be simulated using complex
and numerically expensive Boltzmann collision integrals [1|. After the
thermalization, the two-temperature model (TTM) can describe the
relaxation of the heated electrons and the phonons in a simple way. It
is, however, unable to trace non-thermal electrons.
We present an intermediate model, called extended TTM (eTTM). It
was developed in Refs. [2, 3] and adds a system of non-equilibrium
electrons to the TTM. Besides some improvements to the published
versions, we compare the eT'TM to the Boltzmann model as well as to
the TTM [4]. In particular, we compare the spectral particle dynamics
to a time-resolved two-photon photoemission measurement [5].
[1] B.Y. Mueller and B. Rethfeld; PRB 87, 035139 (2013)
[2] E. Carpene; PRB 74, 024301 (2006)
[3] G. D. Tsibidis; Appl. Phys. A 124, 311 (2018)
[4] M. Uehlein, S. T. Weber and B. Rethfeld;

Nanomaterials 12, 1655 (2022)
[5] Y. Beyazit et al.; Phys. Rev. Lett. 125, 076803 (2020)

0 16.6 Mon 18:00 P4
A setup for interferometrically time-resolved multi-photon
photoemission benchmarked on Ag(111) — eHANNAH STRAUCH,
Marco MERBoOLDT, JaN PHiLiIPP BANGE, DanNierL SteIL, G. S.
MaTrTHIIS JANSEN, SABINE STEIL, MARCEL REUTZEL, and STEFAN
MatHias — I. Physikalisches Institut, Georg-August-Universitat Got-
tingen, Gottingen, Germany
Time- and angle-resolved photoemission is the method of choice to di-
rectly study the electron dynamics of condensed matter systems with
energy and momentum resolution. After the system is excited by a
pump pulse, a delayed second pulse induces photoemission and thus
probes the materials response. To complement the obtained insight
with information on the coherence of the response, single-color phase-
locked pulse pairs can be employed. Here, we present a setup for inter-
ferometric time-resolved multi-photon photoemission based on a pas-
sively stabilized Mach-Zehnder interferometer which produces phase-
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locked pulse pairs and provides an optical delay precision below 60 as.
We show interferometric time- and angle-resolved multi-photon pho-
toemission data from the Shockley surface state and the first image
potential state of the Ag(111) surface as a benchmark for our setup.
Supported by an optical Bloch equation model we explore possibilities
to interpret such a data set.

A promising application of the interferometer is in combination a
high harmonic generation EUV beamline. This enables double-pump-
probe experiments with access to the full Brillouin zone, and allows a
comprehensive investigation of optical excitations.

0 16.7 Mon 18:00 P4
Time-resolved ARPES probing Rabi Oscillations and Lan-
dau-Zener-Stiickelberg Interferences in Graphene - a Pro-
posal — eEpuArRD Moos, HAukE BEYER, and MicHAEL BAUER —
Institute of Experimental and Applied Physics, Kiel University, Ger-
many

At sufficiently high intensities, the interaction of few-cycle laser fields
with solids gives rise to strong-field effects envisioning novel and ex-
citing strategies for controlling optical and electronic properties via
the electric field waveform on sub-femtosecond timescales. A striking
example is the CEP-control of light-field-driven currents in graphene
due to Landau-Zener-Stiickelberg (LZS) interferences [1] resulting from
the complex interplay of field-driven adiabatic intraband and diabatic
interband transitions. Simulations show that the LZS-interferences
give rise to characteristic asymmetries in the momentum-distribution
of the residual conduction band population in the Dirac cone on top
of a symmetric quasi-periodic pattern indicative for Rabi oscillations.
TRARPES using few cycle femtosecond pump laser pulses seems to
be in ideal tool for the investigation of these processes and there de-
pendence on parameters such as pulse peak electric field strength EO,
laser polarization, and CEP phase. Based on preliminary results on
graphite using 7 fs few-cycle NIR pump-pulses we will discuss in this
presentation the prospects, but also the challenges that arise in such
type of TRARPES experiment.
[1] T. Higuchi, et al., Nature 550, 224 (2017)
[2] G. Rohde, et al., Phys. Rev. Lett. 121, 256401 (2018)

O 16.8 Mon 18:00 P4
Laser-based low energy photoelectron diffraction of
SnPc/graphite — eHERMANN ERK, STEPHAN JAUERNIK, PETRA
HEeiN, and MicHAEL BAauer — IEAP, CAU Kiel, Germany

Tin-phthalocyanine (SnPc) adsorbed on graphite has been studied us-
ing laser-based angle resolved photoemission spectroscopy (ARPES)
at 5.9 eV photon energy and low energy electron diffraction (LEED).
An ordered SnPc monolayer was prepared by thermal evaporation onto
single crystalline graphite (SCG) flakes and subsequent annealing at
370 K. LEED data reveal an incommensurate ordered phase of the
SnPc overlayer at room temperature. In the ARPES spectra the SnPc
long-range order can be seen due to an adsorbate-induced backfolding
of the band structure of graphite from the K point to the center of the
Brillouin zone. A comparison of ARPES spectra with simulations of
the backfolded band structure under consideration of the LEED data
will be discussed. First time-resolved ARPES measurements with the
aim to address ultrafast changes in the SnPc long range order will be
presented.

O 16.9 Mon 18:00 P4
Type II aligned TMD heterostructures: Probing moiré in-
terlayer excitons with energy-, momentum-, and femtosec-
ond time-resolution — eMaRrcEL REUTZEL!, DAVID ScuMITT!, JAN
PuiLipp Bance!, WIEBKE BENNECKE!, ABDULAz1Zz ALMUTAIRIZ,
G1usepPE MENEGHINT®, DANIEL STEIL!, R. THOMAS WEITZ!, SABINE
SteiLl, G. S. MarTHIIS JANSEN!, SAMUEL BREM®, ERMIN MALIc3,
SteEPHAN HorMaNnN?, and STeraN Marnias! — !I. Physikalisches
Institut, Georg-August-Universitat Gottingen, Gottingen, Germany
— 2Department of Engineering, University of Cambridge, Cambridge
CB3 OFA, U.K. — 3Fachbereich Physik, Philipps-Universitit, 35032

Marburg, Germany

Transition metal dichalcogenides (TMDs) can be stacked into atomi-
cally thin p-n junctions, where an optically excited intralayer exciton
can decay into interlayer excitons. Here, the electron and the hole con-
tribution to the quasiparticle reside in the neighbouring TMD layers.

On this poster, we show our recent progress towards the identi-
fication and characterization of the ultrafast charge transfer process
across a type II interface. Using femtosecond momentum microscopy,
we identify the distinct momentum fingerprints of various excitonic
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states in this system, notably the bright and dark intralayer excitons
as well as the interlayer exciton. Most intriguingly, the momentum-
resolved measurement provides quantitative access to the interlayer
exciton wavefunction that is modulated within the moiré potential.
Schmitt et al., *arXiv:2112.05011 (2021).

0 16.10 Mon 18:00 P4
Influence of the static dielectric permittivity on ultrafast
quasiparticles dynamics in WS monolayers — eSUBHADRA
MounapraTtra®b2, STEFANO CALATI' 2, QuUIvaNG Li1%, X1aovaNg Zuu3,
and Juria STAHLERD2 — 1Humboldt-Universitdt zu Berlin, Insti-
tut fiir Chemie,Berlin,Germany — 2Fritz-Haber-Institut der Max-
Planck-Gesellschaft, Abt. Physikalische Chemie, Berlin, Germany —
3Columbia University, New York City, New York

In our recent fluence-and photon energy-dependent studies [1,2| of
quasiparticle dynamics in WSo monolayers on fused silica (FS) and
Si-Si02 substrates, we observed that excitonic screening solely reduces
the binding energy of the excitons, leading to a transient blue-shift
of the exciton resonance while quasi free carrier screening effectively
shows a red shift, as the carrier-induced screening leads to a larger
band gap renormalization than binding energy reduction. Further in-
vestigation of such fluence-dependent quasiparticle dynamics studies
using a higher dielectric permittivity of a sapphire substrate, we found
that scattering rates, relaxation time constants, and band gap renor-
malization are not influenced by the dielectric permittivity. On the
contrary, the ratio of dynamic screening parameter of the excitons and
their Bohr radius is approximately 4 times higher in sapphire than
for F'S, which must be a direct consequence of the increased dielectric
permittivity likely leading to more localized excitons.

References:

[1] Calati et al. PCCP 23(39) (2021).

[2] Calati et al. arXiv:2204.02125 (2022).

O 16.11 Mon 18:00 P4
Ultrafast Transport and Energy Relaxation of Hot Elec-
trons in Au/Fe/MgO(001) Investigated by Linear Time-

resolved Photoelectron Spectroscopy — eFLORIAN KOHNE!,
YasiN Bevazir!, DerLer Diesine?, PiNng Zuoul, JESUMONY
JavaBaran!, and Uwr BovensiepeEN! — 1University of Duisburg-

Essen,Physics — 2University of Duisburg-Essen, Chemistry

Optically excited electrons and holes are of particular interest in solid-
state physics because analysis of their dynamics allows a microscopic
understanding of the interactions in non-equilibrium states. Here we
want to discern the relaxation by such local inelastic processes and non-
local transport effects. To analyze the ultrafast dynamics of charge
carriers in the vicinity of the Fermi energy Ew, femtosecond time-
resolved linear photoelectron spectroscopy was applied. We report on
first experimental results obtained by using 1.55 €V pump and 6 eV
probe photons on an Au/Fe/MgO(001) epitaxial heterosystem, com-
plementary to previous work in Beyazit et al., PRL 125, 076803 (2020).
By pumping the Fe side, hot electrons are excited in the Fe layer,
and subsequently injected into the Au layer and propagate to the sur-
face, where they are probed by photoelectron emission spectroscopy.
In the Fe side pumped data, we observe thickness dependent differ-
ences in relaxation compared to the Au side pumped data. In Au
side pumping we observe efficient transport into the Fe layer. We will
present an energy E dependent analysis of the propagation and en-
ergy density U(E,d4,,) of electrons above Ep, which together with a
two-temperature model shows a super diffusive transport limit.

O 16.12 Mon 18:00 P4
Investigations of polarons in hematite a-Fe2O3(1-102) by
means of nc-AFM and KMC — eJests Reponpol?, Vir
GaBrierL!, Giapa FraNcescHI®, Icor SokoLovié®, DOMINIK
WRrANA!, FLorIAN KRAUSHOFER?, ERIK RHEINFRANKS, MICHELE
Riva3, GARETH S. PARKINSON®, MICHAEL ScHMID®, ULRIKE
DiesBoLDp?, PaverL KocANn!, and MarTiN SETvIND3 — lFaculty of
Mathematics and Physics, Charles University, Prague, Czech Repub-
lic — 2Faculty of Chemistry, University of the Basque Country, San
Sebastian, Spain — 3Institute of Applied Physics, Vienna University
of Technology, Vienna, Austria
Polarons are known to strongly influence the catalytic activity and
the electronic, magnetic, and structural properties of transition metal
oxides and halide perovskites. The study of polaron formation and
dynamics is fundamental to understanding the actual mechanisms and
yields of catalytic reactions in these materials. A new method for the
investigation of electron and hole polarons is demonstrated. Charge
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carriers are injected with the AFM/STM tip into the surface of nat-
ural, Ti- and Ni-doped a-Fe203(1-102). The injected charges form
a cloud of electrons or holes trapped in the lattice. This cloud ex-
pands due to electrostatic interactions and thermally activated polaron
hopping. Controlled annealing of the sample and characterization by

Kelvin probe force microscopy (KPFM) provides information on po-
laron dynamics; these results are compared to kinetic Monte Carlo
(KMC) simulations and the dependence of the polaron hopping acti-
vation energy on the doping is shown.

O 17: Poster Monday: Organic Molecules at Surfaces 1

Time: Monday 18:00-20:00

O 17.1 Mon 18:00 P4
Influence of a BlueP interlayer on the properties of P20 on
Au(111) — eFLORENTINE FRIEDRICH, MAXIMILIAN SCHAAL, FELIX
OTTo, PHiLiP GRIMM, MARCO GRUENEWALD, RoMAN FORKER, and
TorsTEN FRITZ — Institute of Solid State Physics, Friedrich Schiller
University Jena, Helmholtzweg 5, 07743 Jena, Germany

Two-dimensional (2D) materials have attracted much attention in solid
state physics in recent years due to their unique properties. Amongst
others, one novel representative is the phosphorus allotrope blue phos-
phorene (BlueP) with its high charge carrier mobility and suitable
band gap, that is used here as an interlayer to obtain a decoupling
of the functional organic molecule 6,13-pentacenequinone (P20) from
Au(111) surfaces. P20 is deposited in various film thicknesses (1 mono-
layer equivalent (MLE) up to 4-5 MLE) either on BlueP on Au(111)
or directly on the metal substrate to investigate the influence of BlueP
as an interlayer on the optical and structural properties of the P20
molecules. The film growth of P20 is monitored by in-situ differen-
tial reflectance spectroscopy (DRS), while the BlueP-Au substrate is
kept at different temperatures. Further complementary experimental
methods were low-electron energy diffraction (LEED), X-ray photo-
electron spectroscopy (XPS), and low-temperature scanning tunneling
microscopy (LT-STM). It turns out that the BlueP interlayer influ-
ences the monolayer structure as well as the growth mode. In contrast
to previous studies on Cgo, the BlueP interlayer stays intact.

O 17.2 Mon 18:00 P4
Navigating the Polymorph-Jungle with Optimal Control
techniques — eSimMmoN HOLLWEGER, ANNA WERKOVITS, RICHARD
K. BERGER, and OLIVER T. HorMANN — Institute of Solid State
Physics, NAWI Graz, Graz University of Technology, Petersgasse 16,
8010 Graz, Austria

Properties of organic-inorganic interfaces are strongly dependent on
the arrangement of the molecules on the surface. However, achieving a
controlled growth of a polymorph with preferable physical properties
is not straightforward at all - especially for metastable polymorphs.

In principle, starting from a thermodynamically easily accessible
polymorph, kinetics can be utilized to stabilize a metastable poly-
morph. This can be done by promoting certain structural transitions
by a-priori unknown sequentially changing growth conditions. Depend-
ing on the complexity of the transition network, often only a limited
yield of the target polymorph can be reached during growth.

To computationally maximize the yield of the desired structure we
use Optimal Control techniques. Therein, process parameters like tem-
perature and pressure are varied to optimize parameter protocols. The
transition network of our model system TCNE/Cu(111) is obtained
via a combination of Transition State Theory and Density Functional
Theory.

O 17.3 Mon 18:00 P4
Adsorption structure of mixed PTCDA derivatives on
Ag(111) — eAmiNn Karmvr!, Jose M. Guevaral, VERONIKA
Scumarz?, Urricn Koerr?, F. SterAN TauTz!, and CHRISTIAN
WagNER! — !Peter Griinberg Institut (PGI 3), Forschungszentrum
Jiilich , Jiilich, Germany — 2Chemistry Department, Philipps Univer-

sitdt Marburg, Marburg, Germany

For molecular manipulation and SPM tip functionalization, the mode
of anchoring molecules to the tip is decisive. We recently found that
PTCDA binds to a Ag tip with two oxygen-metal bonds after it is
retracted from the surface. While this is crucial for its stabilization in
a vertical state, the two bonds reduce the degrees of freedom during
manipulation in the tip-molecule-surface junction. To overcome this
problem, we synthesized a PTCDA derivative (reduced PTCDA), in
which one carboxylic oxygen is replaced by two H atoms. For molecu-
lar manipulation, this allows choosing between one or two tip-oxygen
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bonds. Here we present a study on the absorption structures formed by
a mixture of PTCDA and reduced PTCDA on the Ag(111) surface with
the help of low-temperature NC-AFM /STM. We observe that despite
the minimal modification of reduced PTCDA compare to PTCDA,
the mixture of both molecules exhibits a strongly different behaviour
compared to the regular island growth of pure PTCDA. Particularly
striking is the coexistence of zero-, one-, and two-dimensional struc-
tures. A likely explanation for such diverse structures is the influence
of long-range electrostatic interactions related to the in-plane dipole
moment of reduced PTCDA.

O 174 Mon 18:00 P4
Single-domain molecular layers on Ag (110) — eRavi PRIva,
WEeIsHaN WU, and PETER JAKOB — Department of Physics, Philipps-
Universitdt Marburg, Germany

Single domain molecular layers have been explored on the non-
hexagonal Ag(110) substrate. The absence of rotational domains
for fcc (110) metal substrates allows for growing layers with uni-
form azimuthal orientation of deposited molecules. In our study we
have investigated various molecules and configurations that may form
single domain molecular layers (including mirror domains). Specifi-
cally, PTCDA, NTCDA, phthalocyanines (CuPc, SnPc, TiOPc) and
regio-selectively substituted pentacene species (pentacene, pentacene-
quinone, pentacene-tetrone, quinacridone) were deposited and exam-
ined in terms of their structure using SPA-LEED, and their vibrational
signature using IR - spectroscopy. Among them, PTCDA, NTCDA
and pentacene have been found to form single domain structures. In
the case of PTCDA two prominent phases, the brick-wall (BW) and the
herringbone (HB) phases exist, and they are readily distinguished not
only by their LEED patterns but also from their vibrational signatures.
Another finding refers to the increased molecule - metal interaction on
Ag (110) vs. Ag (111) that leads to an extra energy (down)shift of
the LUMO, thereby having a significant impact on interfacial dynamic
charge transfer (IDCT) of vibrational modes [1].
[1] P. Jakob, S. Thussing, Phys. Rev. Lett.
DOI:10.1103/PhysRevLett.126.116801

126 (2021) 116801,

O 175 Mon 18:00 P4
Generation of synthetic chiral structured images for com-
puter vision applications — eJonanNEs TiM SEIFERT!, PEER
KasTeEN!, MANDY STRITZKEZ, Bi6RN MOLLER?, TiMmo DE WOLFF2,
Timv FinascHEIDT®, and Uta ScaLickum! — lInstitut fiir Ange-
wandte Physik, Technische Universitit Braunschweig — 2Institut
fir Analysis und Algebra, Technische Universitat Braunschweig —
3Institut fiir Nachrichtentechnik, Technische Universitit Braunschweig

Scanning tunneling microscopy (STM) is a well-established tool to
measure surface topographs with atomic precision. Since data gen-
eration is slow using STM, we present a tool to create synthetic im-
ages with realistic noise and defects, which provides labeled training
data for neural networks. We compare two methods evaluating chiral
structures in STM images using Deep Learning.

As one approach to classify structures, we are using semantic seg-
mentation based on the U-Net architecture to create maps showing the
distribution of both chiralities. Additionally, we use a faster R-CNN
architecture for object detection to locate and classify each chiral struc-
ture individually.

Since the approaches serve different use cases, they also have sepa-
rate label requirements. We show that models trained using only our
synthetic images perform successfully for real STM Images.

O 17.6 Mon 18:00 P4
Ultrafast dynamics of quantum confined surface electrons in a
T4PT-based metal-organic network on noble metals — eNiLs
BeLLENBAUM!, Lu Lyul, Eva Warruer!, Tosias EuL!, Benito
ArNoLDI!, MARTIN AESCHLIMANN!, and BENJAMIN STADTMULLER!2
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— 1Technische Universitit Kaiserslautern and Research Center OP-
TIMAS, Erwin-Schrédinger Strafe 46, 67663 Kaiserslautern, Ger-
many — 2Institute of Physics, Johannes Gutenberg University Mainz,
Staudingerweg 7, 55128 Mainz, Germany

Two-dimensional metal-organic networks have emerged as intriguing
architectures to design and control quantum confinment of electrons
at surfaces. In our work, we focus on the metal-organic network
T4PT/Cu(111) comprised of triangular 2,4,6-tris(4-pyridine)1,3,5-
triazine (T4PT) molecules adsorbed on a copper substrate. Using
momentum-resolved photoemission, we demonstrate a spatial confine-
ment of the free electron-like surface state of Cu(111) in the pores of
the network structure. Similarly, the dispersion of the unoccupied im-
age potential state (IPS) of Cu(111) is modulated by the network’s
periodic potential, leading to a severe increase of the effective band
mass of the IPS. Finally, we discuss the influence of periodic modu-
lation of the IPS on its energy and momentum-dependent population
time using timeresolved two photon momentum microscopy. Our find-
ings provide a first glimpse onto tunabilitiy of the electron dynamics at
surfaces by spatial confinement in nanoporous metal-organic network
structures.

O 17.7 Mon 18:00 P4
Organic Molecules on the Cu(110)-(2x1)O Striped Phase —
elrias GazizuLLIN, CHRISTOPHE Naccl, and LEONHARD GRILL —
Physical Chemistry Department, University of Graz, Heinrichstrasse
28, 8010 Graz, Austria

The deposition of molecules onto single-crystal surfaces allows their
investigation at the single-molecule level by scanning tunneling mi-
croscopy (STM) and gives access to the controllable on-surface syn-
thesis of 2D materials. Here, we have studied dibromo-p-terphenyl
molecules on the Cu(110)-(2x1)O striped phase under ultra-high vac-
uum conditions with low-temperature STM. The Cu(110)-(2x1)O
striped phase is of particular interest since it offers alternating stripes
of (metallic) copper areas and of oxygen-covered areas where the ad-
sorbed organic molecules are slightly decoupled from the metal sub-
strate and hence have higher mobility.

Previously, the Cu(110)-(2x1)O striped phase was used as a template
for the synthesis of organometallic structures having different sizes and
shapes depending on the width of copper stripes [1]. The focus of our
study is how annealing affects the molecular adsorption on the sur-
face. It turns out that the molecules form organometallic chains on
the copper areas, oriented in three surface directions. Increasing the
sample temperature from 300 K to 450 K changes the orientation of
the organometallic chains and the shape of the Cu-O areas. Possible
interactions leading to such behaviour are discussed.

Reference: [1] Q. Fan, J. Dai, T. Wang, J. Kuttner, G. Hilt, J. M.
Gottfried, and J. Zhu, ACS Nano, 3 (2016), 3747-3754

O 17.8 Mon 18:00 P4
Adsorption of phthalocyanine monolayers on Ag(110) —
eGaaNa KAINIKKARA, Ravi Priva, and PETER JakoB — Phillips
University of Marburg

Vibrational properties and long range ordering of TiOPc, CuPc and
SnPc molecular layers on the non-hexagonal Ag(110) surface have been
investigated using IR-spectroscopy and SPA-LEED. Special emphasis
is put on a comparison with the related Ag(111) substrate surface that
is characterized by a somewhat weaker molecule - metal interaction
strength. This hypothesis is supported by distinct differences in the
vibrational line shapes of modes associated with interfacial dynamical
charge transfer [1], the primary cause being an extra shift in the ener-
getic position of the former LUMO with respect to the Fermi energy
for the Ag(110) substrate. Another objective in our study was to iden-
tify structural changes in the (layered) structural arrangement, both
during the growth process, as well as annealing of the layers. Due
to their only slightly different footprint, the molecules display simi-
lar long range ordered phases. Our primary focus thus concerned the
identification of possibly inclined arrangements in the coverage range
of 1-2 monolayers [1] P. Jakob, Peter and S. Thussing. ”Vibrational
Frequency Used as Internal Clock Reference to Access Molecule-Metal
Charge-Transfer Times.” Phys. Rev. Lett. 126, 116801 (2021).
Part-O: Surface Science Division Type-Poster Presentation Topic-
Organic Molecules on Inorganic Substrates: Adsorption and growth

0 17.9 Mon 18:00 P4
Growth of organic crystals on nanoparticle precovered
surfaces studied by PEEM — eKaTHARINA ENGsTER!, JORrG
1

HeLLER!, THORSTEN WAGNER?, SyLvia SPELLER!, and INGo BARKE

30

— 1University of Rostock, Institute of Physics, 18059 Rostock, Ger-
many — 2Johannes Kepler University, Institute of Experimental
Physics, 4040 Linz, Austria

Nanostructures can be used as plasmonic light sources [1] for local
generation of excitons in organic semiconductors. This is a promising
pathway to transfer energy in molecular aggregates from a defined
starting point over longer distances via exciton propagation. In or-
der to establish a suitable geometry of such a hybrid system, we are
interested in the role of metallic clusters during subsequent molec-
ular growth. Mass-selected silver nanoparticles are produced in a
gas - phase cluster source and deposited onto a pristine HOPG sur-
face. Afterwards, we use in - situ photoemission electron microscopy
(PEEM) to monitor the physical vapour deposition of copper ph-
thalocyanine (CuPc) molecules [2,3] on such surfaces. We observe
a Stranski-Krastanov growth during deposition of CuPc and post-
deposition further morphology changes of the nanocrystallites.

[1] K. Oldenburg et al., J. Phys. Chem. C 123, 1379 (2019).
[2] Y.-C. Chiu et al., Cryst. Res. Technol. 46, 295 (2011).
[3] T. Wagner et al., Ultramicroscopy 233, 113427 (2022).

O 17.10 Mon 18:00 P4
Visualizing self-assemblies of electrosprayed complex
molecules on surface: a non-contact force microscopy study —
eGEMA Navarro!, ANTOINE HiNaUT!, SEBASTIAN SCHERB!, SHUYU
Huang!, Yiming Sonag!, Kravs MULLEN!, ThiLo GrLaTzeL!, AKiM-
1Tsu NariTa?, and ERNsT MEYER! — !Department of Physics, Uni-
versity of Basel, Klingelbergstrasse 82, 4056 Basel, Switzerland. —
2Max Planck Institute for Polymer Research, Ackermannweg 10, D-
55128 Mainz, Germany.

Building up functional 2D supramolecular assemblies requires the unit
blocks involved in their bottom up formation to be already complex.
In the construction of the tailored nanostructures, different approaches
can be adopted in order to circumvent the limitations of the traditional
wet chemical methods [1,2]. Among them, specifically the Electrospray
Deposition (EDS) technique emerges as suitable pathway to explore the
adsorption of organic compounds with higher structural complexity [3].

In the present work, we report the adsorption of complex molecules
on a noble metal surface. Our study focus on the influence of in-
termolecular and surface-molecule interactions in the observed assem-
blies. The deposition of the molecules is carried out by HV-EDS.
Furthermore, visualization of the molecules is achieved by means a
home-made Atomic Force Microscopy (AFM) set-up, in non-contact
operation mode.

[1] Z. Qiu, A. Narita, and K. Miillen, Faraday Discuss. 227,8 (2021).

[2] S. Scherb et al., Commun Mater 1, 1 (2020).

[3] I. C.-Y. Hou, A. Hinaut, Chem. Asian J., €202200220 (2022).

O 17.11 Mon 18:00 P4
Ceo - PEN Diels - Alder Cycloaddition Reaction on Ag(110)
— eMoHAMMED SUHAIL ANsaARI, Ravi Priva, and PETER JAKOB —
Department of Physics, Philipps - Universitdt Marburg, Germany

Ultrathin films of Cgo and pentacene (PEN) have been prepared on
Ag(110) and their vibrational properties, as well as thermal evolution
investigated by IR spectroscopy. Monolayer species are found to dis-
play distinctly different vibrational signatures as compared to higher
layers, so the characterization of the grown hetero layers is straightfor-
ward. Moreover, the excellent spectral resolution and chemical selec-
tivity allowed us to unambiguously identify the Cgg - PEN Diels-Alder
adduct [1]. In our thermal evolution study, the formation and decom-
position of the Cgp - PEN reaction product as well as the abundances of
the Cgo and PEN compounds have been examined. Production of the
adduct species requires a weak thermal activation (annealing to 350 K)
and proceeds largely independent of the Cgo / PEN stacking sequence.
We find that this reaction occurs exclusively at the (abrupt) interface
of Cgp and PEN for layered arrangements and is fully reversible, mean-
ing that further annealing to 450 K (and higher) produces again Cgo
and PEN, with the latter desorbing thermally and thus depleting the
initial concentration of reactants.

[1] F. Cataldo, D. A. Garcia-Herndndez and A. Manchado, On
the Cgo Fullerene Adduct with Pentacene: Synthesis and Stability,
Fullerenes, Nanot. Carbon Nanostruct. 23 (2015) 818-823.

O 17.12 Mon 18:00 P4

First Steps Towards Carbon-Based Heisenberg Chains on
Au(111) — eNms Krane!, ELia Turco!, ANNIKA BERNHARDTZ,

MicHAL JuriceEk?, PascaL Rurrieux!, and RomaN FaseL! —
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Inanotech@surfaces Laboratory, Empa - Swiss Federal Laboratories

for Materials Science and Technology, Diibendorf, Switzerland —
2Department of Chemistry, University of Zurich, Zurich, Switzerland

Carbon based m-magnetism has been a growing field of interest in the
recent years. By tailoring nanographenes with atomically price shape
and size it is possible to tune their electronic properties and create mag-
netically non-trivial groundstates. A recent study has demonstrated
the formation of triangulene-based Haldene chains, consisting of spin-1
building blocks and featuring gapped spin excitation in the bulk [1].
On the other hand, a Heisenberg chain consisting of coupled spin-1/2

units is predicted to be gapless, due to a continuum of spin excitations
above the ground state.

Here we present the first steps towards synthesizing all-carbon spin-
1/2 chains. Phenalenyl-based precursers are used for a bottom-up
approach to form oligomers of different lengths and spin-excitation
gaps. The low activation barrier of hydrogen-passivated phenalenyl
was found to be a potential inhibitor of the radical formation, which
is required for the covalent coupling of the building blocks.

[1] S. Mishra et al, Nature 598, 287-292
https://doi.org/10.1038/s41586-021-03842-3

(2021).

O 18: Poster Monday: 2D Materials 1

Time: Monday 18:00-20:00

O 18.1 Mon 18:00 P4
Scanning tunneling microscopy and spectroscopy of rubrene
on clean and graphene-covered metal surfaces — eKARL

RoTHE, ALEXANDER MEHLER, NicorLAs NEEL, and JORG KROGER
— TU Ilmenau, Institut fiir Physik

Rubrene (Cy2Hs2g) was adsorbed with submonolayer coverage on
Pt(111), Au(111) and graphene-covered Pt(111). Adsorption phases
and vibronic properties of C42Hag consistently reflect the progressive
reduction of the molecule—substrate hybridization. Separate CsoHag
clusters are observed on Pt(111) as well as broad molecular resonances.
On Au(111) and graphene-covered Pt(111) compact molecular islands
with similar unit cells of the superstructure characterize the adsorption
phase. The highest occupied molecular orbital of C42H2g on Au(111)
exhibits weak vibronic progression while unoccupied molecular reso-
nances appear with a broad line shape. In contrast, vibronic subbands
are present for both frontier orbitals of C42H2g on graphene. They
are due to different molecular vibrational quanta with distinct Huang-
Rhys factors.

Financial support by the Deutsche Forschungsgemeinschaft through
Grant No. KR 2912/12-1 is acknowledged.

O 18.2 Mon 18:00 P4
The effect of morphology of an intercalated Au layer on
electronic properties of Graphene — e AMIRHOSSEIN Bavant and
KARIN LARSSON — Department of Chemistry-Angstrém laboratory,
Uppsala University, Uppsala, Sweden

Thermal Intercalation processes have recently made it possible to pro-
duce large quasi free-standing graphene layers on different substrates.
One method, which is based on thermal annealing, uses a 4H-SiC
(0001) substrate with an attached carbon buffer layer onto the Si-face
of the substrate. Various types of metals have then been used with the
purpose to intercalate these metal atoms between SiC and the buffer
layers, thereby creating a monolayer (ML) of graphene with an intact
Dirac point. Moreover, when positioning heavy metal atoms under
graphene, the spin-orbit coupling will increase and thereby enhances
the Rashba band splitting. This phenomenon comes from the breakage
of a mirror symmetry due to interaction with the substrate. To the
knowledge of the authors, the role of the morphology of the interca-
lated layer on the electronic properties of graphene has not yet been
considered and it is worth considering this effect when electronic prop-
erties of graphene is wanted to be studied after intercalation. Here we
show how the morphology of the intercalated Au layer will affect the
electronic properties of a ML of graphene. The possibility to induce
a band gap at the Dirac point of graphene by manipulating the stag-
gered potential of a 4H-SiC/Au substrate, is thereby looked for. The
calculations are based on density functional theory (DFT) + SOC.

O 18.3 Mon 18:00 P4
Intercalation of epitaxial graphene on SiC(0001) with sulfur
— oSUSANNE WoOLFF, NicLAs TILGNER, TASSILO RAUSCHENDORFER,
FLoORIAN SpPEcCK, and THoMAS SEYLLER — Chemnitz University of
Technology, 09126 Chemnitz, Germany

Epitaxial growth of graphene on SiC in argon atmosphere is a well-
established method to produce high quality films. There, the first
grown carbon layer is partially covalently bound to the substrate and
lacks the graphene-like electronically properties. This so-called buffer
layer can be decoupled from the substrate by intercalation. Further-
more, the choice of intercalant manipulates the electronic properties
of the decoupled graphene.
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We investigated the intercalation of a buffer layer with sulfur by X-
ray photoelectron spectroscopy (XPS) and angle-resolved photoelec-
tron spectroscopy (ARPES). The intercalation process was performed
in a two-zone furnace where the FeSg precursor and the buffer layer can
be heated separately. An argon gas flow transports the sublimated sul-
fur to the sample. Partial intercalated samples show two sulfur peaks
at different binding energies in XPS. They can be attributed to inter-
calated sulfur and sulfur on top of the not intercalated buffer layer.
ARPES measurement in the vicinity of the Dirac point showed that
sulfur intercalation results in p-type doped decoupled graphene layers.

O 18.4 Mon 18:00 P4
twisted graphene on Ir(111) and SiC(0001) studied by
SPA- LEED — eMOHAMMAD TAJIK', CHRISTIAN BRAND!, BIRK
FINKE!, KARIM OMAMBAC!, LAURENZ KREMEYER!, FRANK MEYER ZU
HERINGDORF1'2, and MICHAEL HORN-VON HOEGEND2 — lUniversitt

Duisburg-Essen — 2center for nanointegration duisburg-essen

when graphene is placed on a crystalline surface, the periodic struc-
tures within the layers superimpose and a moiré superlattices form.
Small lattice rotations between the 2D-layer and the substrate strongly
modify the moiré superlattice, upon which many electronic, vibra-
tional, and chemical properties depend. Here we report on such struc-
tural modification of epitaxial graphene grown on metallic Ir(111) and
semiconducting SiC(0001) surfaces. The spontaneous reorientation in
the degree- and sub-degree-range of graphene on Ir(111) depends on
the substrate temperature during growth. This effect is described by
a 2D coincidence network favored by strain reduction together with
the dissimilar thermal expansion of the substrate and graphene. For
graphene on SiC(0001) only the oriented RO* phase is found due to
the higher bonding strength to the substrate. Upon H and Sn inter-
calation this interaction can be reduced such that the graphene layer
is lifted from the substrate. Finally, we present a detailed analysis
of an unusually broad diffraction background found for graphene and
hex-BN on both substrates.

O 18.5 Mon 18:00 P4
On the Way to Twisted Bilayer Graphene: Formation and
Decoupling of 0°-Rotated Epitaxial Graphene — eHao YIn!2,
Miriam Rarnsb2, Marxk HurTer!:?2, Frangois C. BocqQuer!,
and CHrisTIAN Kumprl?2 !Peter Griinberg Institute (PGI-
3), Forschungszentrum Jiilich and Jiilich-Aachen Research Alliance
(JARA), Fundamentals of Future Information Technology, Jiilich,
Germany — 2Experimentalphysik IV A, RWTH Aachen University,
Aachen, Germany

On the way to twisted bilayer graphene with a twisting angle of 30°, we
investigated the graphene growth on 6H-SiC(0001) using an unconven-
tional epitaxial growth method named ’surfactant-mediated growth’,
which is based on annealing the SiC surface in borazine atmosphere.
Here, we report a LEEM-based study on two different samples, on
which we observed different surface morphologies with varying num-
bers of stacked graphene layers. A large-scale uniform graphene R0°
monolayer is found on the first sample that was annealed to 1330°C.
This sample is a promising candidate for producing 30° TBG. Interest-
ingly, some regions of the graphene R0° layer exhibit different bright-
ness contrasts at specific start voltages, without showing significant
differences in their LEEM-IV curves. The second sample was annealed
50°C higher, causing the formation of graphene multilayer domains.
We utilized LEEM and LEEM-IV in order to determine the number
of layers as well as the distribution of multilayer graphene domains.
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Furthermore, we discuss the influence of the annealing temperatures in
terms of the formation and decoupling of the epitaxial graphene layers.

O 18.6 Mon 18:00 P4
Vertical structure of Sb-intercalated quasi-freestanding
graphene on SiC(0001) — You-Ron Lint:2:3, Susanne WorLrr#?,

eMarxk HurTerD?3, SeErcurl Sousarca!?, Tien-Lin Leef, F.

STEFAN Tautz!23, THomas SEYLLER*®, CHrisTIAN Kumprl:2:3,
and Frangots C. BocqueTr!? — !Peter Griinberg Institut (PGI-
3), Forschungszentrum Jiilich, Germany — 2Jiilich Aachen Research
Alliance (JARA) — 3Experimentalphysik IV A, RWTH Aachen Uni-
versity, Germany — *Institute of Physics, Faculty of Natural Sciences,
TU Chemnitz, Germany — ?Center for Materials, Architectures and
Integration of Nanomembranes (MAIN), TU Chemnitz, Germany —
SDiamond Light Source Ltd., Didcot, Oxfordshire, UK

Using the normal incidence x-ray standing wave (NIXSW) technique,
we have investigated the vertical structure of quasi-freestanding mono-
layer graphene (QFMLG) obtained by intercalation of antimony under
the (64/3 x 64/3) R30° reconstructed graphitized 6H-SiC(0001) surface,
also known as zeroth-layer graphene. We found that Sb intercalation
decouples the QFMLG very well from the substrate. The distance
from the QFMLG to the Sb layer almost equals the expected van der
Waals bonding distance of C and Sb. The Sb-intercalation layer itself
is mono-atomic, very flat, and located much closer to the substrate,
at almost the distance of a covalent Sb-Si bond length. All data is
consistent with Sb located on-top of the uppermost Si atoms of the
SiC bulk.

O 18.7 Mon 18:00 P4
Bi(110) islands on epitaxial graphene — eSercil SoLocusl2,
Jurian Kocnu!, CHiTRaAN GHosaL!, and CHRISTOPH TEGENKAMP!
— Mnstitut fiir Physik, TU Chemnitz, Reichenhainerstr. 70, 09126
Chemnitz — 2Institute of Physics, NAS of Ukraine, Nauki avenue 46,
03028 Kyiv

The atomic structure and morphology of ultrathin epitaxial Bi islands
grown on the graphene/SiC surface was examined by SPA LEED and
STM. Bi films with an average height of a few bilayers were deposited
at RT and annealed at 410 K for 30 min afterwards. A Volmer-Weber
growth mode with a predominance of the Bi(110) orientation was
found. LEED patterns show that the Bi(110) structure has three
domains rotated by 60°, with each domain having two subdomains
rotated by £2° with the zig-zag direction of Bi parallel to the arm-
chair direction of graphene and four (minority-)subdomains with the
zig-zag direction of Bi parallel to the zig-zag direction of graphene.
Moreover, STM investigations revealed an elongation of the islands in
the zig-zag direction of Bi as well as preferential ("magic") thicknesses
(even numbers of Bi monolayers).

Additionally, magneto transport measurements using a 4 T magnet
were performed in order to investigate the influence of the Bi islands
on the weak localization effekt in graphene.

O 18.8 Mon 18:00 P4
Quantum well states in Bi(110) islands grown on epitaxial
graphene — e¢CHITRAN GHOSAL and CHRISTOPH TEGENKAMP — In-
stitut fiir Physik, TU Chemnitz

The semimetal Bi attracts a lot of interest because of its unique elec-
tronic properties such as a low carrier concentrations and large carrier
mobilities coming along with mesoscopic Fermi wavelength giving rise
to robust quantum confinement effects and spin polarized states in
thin films [1]. In this work we studied the growth of Bi on n-type
doped monolayer graphene (MLG) on SiC(0001) by means of STS and
STM. While for low coverages Bi(110) islands are formed Bi(111) struc-
tures were found for higher coverages. This allotropic transition occurs
at 10 monolayers (3.3nm) and is significantly larger than the critical
coverage reported for Bi on Si(111) [2]. In contrast to Bi/MLG, the
deposition of Bi on HOPG results in the formation of islands with an
odd number of layers. These differences were attributed to different
substrate screening effects. Irrespective of the interface, Bi seems to
grow rather in a relaxed bilayers fashion, i.e. supporting the forma-
tion of black phosphorous structures [2]. Spectroscopy performed on
islands of different heights revealed a large gap opening (750 meV)
at the center of 4 ML islands. In addition, we found signatures of
edge states, which might refer to a non-trivial topology within these
QWS-stabilized nanostructures.

[1] T. Hirahara et al. Phys. Rev. B 75, 035422 (2007); [2] T. Nagao
et al. Phys. Rev. Lett. 93, 105501 (2004).
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0 18.9 Mon 18:00 P4
Identification of electronic structures and atomic configura-
tion of Nitrogen defects on graphene/Pt(111) — eJEONG AH
Seo’2, HyunmiN Kanc3?, Youna JaE Sona?#, Junaseok CHAE!,
and ANprEas J. Heinrica!2 — 1Center for Quantum Nanoscience,
Institute for Basic Science, Seoul, Korea — 2Department of Physics,
Ewha Womans University, Seoul, Korea — 3Department of Nano Engi-
neering, Sungkyunkwan University (SKKU), Suwon, Korea — 4SKKU
Advanced Institute of Nano Technology (SAINT), Sungkyunkwan Uni-
versity (SKKU), Suwon, Korea

Nitrogen doped graphene is considered as an effective method for mod-
ulating the electronic states and properties of graphene. We have
prepared nitrogen doped graphene on Pt(111) surface, grown by de-
position of pyridine precursor molecules. We figured out there exist
several types of defects including graphitic nitrogen and pyridinic ni-
trogen structure. The imaging of the defects is performed using low
temperature scanning tunneling microscope (STM) and atomic force
microscope (AFM). The defects preferred to have strong triangular
shape features above certain bias voltage. To figure out the features
of nitrogen dopant atom, we measured bias dependent STM images,
scanning tunneling spectroscopy and AFM imaging. We have observed
prominent difference in spectroscopic feature near the fermi energy be-
tween defects and pristine graphene. In addition, we also have observed
atomic configuration of defect site using AFM. With the aid of STM
simulation based on calculated results from the density functional the-
ory, possible candidates of defect types will be provided.

O 18.10 Mon 18:00 P4
Bell-shaped Electron Diffraction Component in 2D Materials
— eHANNAH KOHLER, FRANK MEYER zU HERINGDORF, and MICHAEL
Horn-von HoEGEN — Faculty of Physics and Center for Nanointegra-
tion, Duisburg-Essen (CENIDE), University of Duisburg-Essen, 47048
Duisburg, Germany

In low energy electron diffraction a bell shaped component (BSC) is
observed for graphene on SiC and Ir(111) and for hBN on Ir(111)
[APL118 (2021) 241902]. The distinctiveness of this broad diffuse in-
tensity appears to be indicative of a highly ordered 2D layer. Several
attempts were made to explain the origin of the BSC, but the mech-
anism remains at large still unclear. In particular, a classification in
which 2D systems a BSC exists is missing. Low energy electron mi-
croscopy (LEEM) combines the possibility to investigate the BSC with
micro-diffraction (u-LEED) and in-situ imaging. It was found that
the BSC can in fact be detected not only on graphene and hBN, but
also on ez-situ chemical-vapor-deposition-grown MoSs. In graphene on
Ir(111) the full width at half maximum (FWHM) of the BSC decreases
with an increase in rotational angle of the graphene. Measurements af-
ter Cs intercalation of the graphene show a smaller FWHM compared
to the non-intercalated graphene layer.

O 18.11 Mon 18:00 P4
Buffer Layer Characterization of Epitaxial Graphene on
Silicon Carbide with Scanning Tunneling Microscopy —
eBENNO HARLING!, ANNA SINTERHAUF!, PETER RICHTER?, PHILIP
ScuipLicu?, THoMASs SEYLLER?, and MARTIN WENDEROTH! — 1TV,
Physikalisches Institut, Georg-August-Universitit Gottingen, Ger-
many — 2Institut fiir Physik, Technische Universitdt Chemnitz, Ger-
many

In this contribution, we present a scanning tunneling microscopy study
on the buffer layer of epitaxial graphene on 6H-silicon carbide (SiC)
at 8 K and room temperature in UHV. The local configurations and
properties of the buffer layer still leave many open questions concern-
ing the interactions between graphene and substrate. Our goal is to
disentangle the contributions of the graphene and the underlying buffer
layer to the tunneling current on a local scale and to establish an under-
standing of the responsible mechanisms. We employ multibias imaging
to investigate buffer layer contributions to the tunneling current. This
measurement mode takes quasi-simultaneous STM images line per line
at given bias voltages resulting in a connected stack of topography
maps. This allows to observe the changes of the topography in depen-
dency of the applied bias voltage, with much lower dependency on tip
modifications while scanning. We connect local corrugation changes to
relative heights and the overall corrugation tendency within the stack.
Financial support of the Deutsche Forschungsgemeinschaft (DFG) is
given by project We 1889/13-1 and We 1889/14-1.

O 18.12 Mon 18:00 P4

Intercalation of Fe under graphene on Ir(110) — eJasonN



Regensburg 2022 — O

Monday

BERGELT, AFFAN SAFEER, STEFAN KRAUS, JEISON FISCHER, and
THomAs MicHELY — II. Physikalisches Institut, Universitit zu Koln,
Ziilpicher Str. 77, 50937 Koln, Germany

Graphene on Ir(110) is a single-crystal, where graphene is nearly strain
free and the resulting moiré pattern consists of waves with crests and
troughs along the [001]-Ir direction. Also it has been shown that the
growth of graphene prevents the formation of nano-facets that are
present in bare Ir(110) at room temperature. In this work, we interca-
lated several layers of Fe between Gr and unreconstructed Ir(110). By
using scanning tunneling microscopy (STM) and low energy electron
diffraction (LEED), we confirm that Fe grows pseudomorphic with re-
spect to unreconstructed Ir(110). Due to strong adhesion of graphene
to Ir(110), deposition of Fe on a closed graphene layer results in the
formation of clusters on the surface and negligible intercalation at tem-
peratures where alloying of Fe with Ir(110) is absent. Therefore, we
implemented a procedure to etch with molecular oxygen small holes of
controlled size into graphene. Moreover, we investigated the temper-
ature and evaporation flux dependence of intercalation. Furthermore,
we discuss the limit of pseudomorphic growth in view of the formation
of a reconstruction at thicker intercalated Fe films.

O 18.13 Mon 18:00 P4
Strongly correlated boundary states in topologically insulat-
ing chiral graphene nanoribbons tuned by contact potential
— eLEONARD EDpENs!, FrRaNCISCO ROMERO!, SoFia SANz?, AMELIA
DoMiNGUEZ-CELORRIO®, MANUEL ViLas-VARELA®, JINGcHENG Li?,
Davip SERRATE?, Dieco PENA3, and Nacuo Pascuarl? — 1CIC
nanoGUNE BRTA, San Sebastian, Spain — 2DIPC, San Sebastian,
Spain — 3CIQUS and Departamento de Quimica Orgénica, Univ. de
Santiago de Compostela, Spain — 4School of Physics, Sun Yat-sen
University, Guangzhou, China — SINMA, and Univ. de Zaragoza,
50009 Spain

Chiral graphene nanoribbons present a special class of nanographenes
in that their distinct edge symmetry causes a topologically nontriv-
ial band dispersion. Truncating such a ribbon results in a pair
of symmetry-protected topological end states predicted to be spin-
polarized. Metal substrates interact with the molecular orbitals, trans-
ferring charge and screening electron-electron correlations. We decou-
ple the nanoribbons by dragging them onto an ultrathin large bandgap
insulator using an STM, and also synthesize them on a low-work func-
tion surface. Scanning tunneling spectroscopy on the surface inter-
metallic GdAu2 reveals a near-neutral ribbon, showing its end state
spin-split. On MgO/Ag(001), the ribbons are highly decoupled, lead-
ing a greatly enhanced tunneling lifetime, vibronic sidebands, a neg-
ative charge and an enhanced correlation gap of opening far in the
quantized conduction band.

O 18.14 Mon 18:00 P4
Structural investigation of Pb intercalated graphene on
SiC — eSHAIsTA ANDLEEB, JuLiaAN KocH, CHITRAN GHOsAL, and
CHrIsTOPH TEGENKAMP — Institut fiir Physik, TU Chemnitz, Re-
ichenhainerstr. 70, 09126 Chemnitz

In order to modify the electronic properties of graphene, intercala-
tion experiments have received a lot of attention recently. In this
research, we examined the intercalation of Pb on carbon buffer layer
on SiC(0001) using SPA-LEED and STM. The samples were prepared
in UHV by several cycles of Pb deposition using MBE at RT followed
by annealing at temperatures ranging from 500 to 900°.

In LEED the intercalated phase shows six characteristic spots
around the (00)-spots, which we correlated with a striped phase in
STM. The local structure on the stripes shows two honeycomb Pb
layers with approximately twice the lattice constant of graphene and
turned by +7.5° with respect to graphene. The corresponding spots
in LEED coincide with two buffer layer spots. Their energy dependent
behavior was analyzed.

O 18.15 Mon 18:00 P4
Spectroscopic evidence of BCS-BEC crossover in FeSe mono-
layer — ewaNTONG HUANG!® HAICHENG LIN', GAUTAM RAIZ, YUGUO
vIN!, LIANYI HE!, QI-KUN XUE!'®, STEPHAN WOLFGANG HAAS23, STE-
FAN KETTEMANNS% x1 cuEN!® and sHual-nua J1'5 — 1State Key
Laboratory of Low-Dimensional Quantum Physics, Department of
Physics, Tsinghua University, Beijing 100084, China — 2Department
of Physics and Astronomy, University of Southern California, Los
Angeles, CA 90089-0484, USA — 3Jacobs University, Campus Ring
1, 28759 Bremen, Germany — “Division of Advanced Materials Sci-
ence,POSTECH, San 31, Hyoja-dong, Nam-gu, Pohang 790-784, South
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Korea — SFrontier Science Center for Quantum Information, Beijing
100084, China — SKarlsruhe Institute of Technology, 76131 Karlsruhe,
Germany

It has been difficult to realize the crossover from Bardeen-Cooper-
Schrieffer (BCS) to Bose-Einstein condensates (BEC) in solids. Here
we report direct evidence of BEC in a FeSe monolayer. The Fermi en-
ergy of the FeSe film can be tuned by graphene/SiC substrate to realize
a BCS-BEC crossover. As the Fermi energy drops, the local density
of states measured by STM evolves continuously from a BCS gap to a
step-like asymmetric spectrum of BEC state. The theoretical calcula-
tion based on a two-band model reproduces well the measured spectra
and, in particular, identifies features in the quasi-particle density of
states that indicate a transition from the BCS to the BEC regime. In
addition, the Zeeman splitting of the quasi-particle states is found to
be consistent with the characteristics of a condensate.

O 18.16 Mon 18:00 P4
Investigating the correlated ground state of metallic mono-
layer MoS3, with scanning tunneling spectroscopy — eCaMIEL
VAN EFrFEREN, JEIsON FiscHErR, THOMAs MicHELY, and WOUTER
JoLiE — II. Physikalisches Institut, Universitdt zu Kéln, Germany

Using contactless chemical doping [1], we grow metallic monolayer 2H-
MoS2 on a graphene on Ir(111) substrate. Since this method leaves
the surface accessible, we perform real space investigations of corre-
lated behavior in metallic monolayer MoS2 via scanning tunneling
microscopy (STM) and spectroscopy (STS). In STS, we find a broad
depression in the density of states around the Fermi level, of about
100 meV. Upon closer inspection, the depression is revealed to consist
of a series of small gaps and peaks, spaced by 26-28 meV. This interval
corresponds to a flat band in the phonon dispersion of MoS2. The
appearance of the peaks can be explained by strong coupling between
the MoSs electrons and phonons at the high-symmetry K-point of the
Brillouin zone, and may point to the formation of Holstein polarons.
The behavior of the polarons is studied near grain boundaries, edges
and defects, where the polaron bands are suprisingly seen to bend
under the influence of charge.

[1] C. van Efferen et al., 2D Mater. 9 025026 (2022)

O 18.17 Mon 18:00 P4
Artificial electronic lattices on InAs(111)A — eRian LigTH-
ART and INeGMAR SwaRT — Condensed Matter and Interfaces, Debye
Institute for Nanomaterials Science, Utrecht, The Netherlands

Artificial electronic lattices are a promising tool to elucidate novel
effects in the quantum world. The Scanning Tunnelling Micro-
scope (STM) allows to build the lattices by manipulating atoms with
nanoscale precision and to probe the electronic properties. The elec-
tronic lattices consist of artificial atoms on a metallic/semiconducting
crystal with a surface state which acts as a 2D electron gas (2DEG).
The 2DEG is patterned by scatterers on the surface creating artificial
atoms. The versatile artificial atoms are used in lattices to study the
effect of structure on electronic characteristics.

An already well-known system is CO on Cu(111), however, this sys-
tem has a low energy resolution of 80 mV due to coupling of the surface
state with bulk states. Here, the promising InAs(111)A surface with
native In adatoms is studied since it has a higher energy resolution
of around 5 meV. Vertical manipulation allows to place multiple In-
adatoms in vicinity of each other. The In adatoms create a potential
well that confines the surface state electrons of InAs. The artificial
atom created can be coupled into dimers with different bond strengths
by varying the distance or by introducing bridge sites. The artificial
electronic lattices created on InAs(111)A can help to probe new char-
acteristics in the lattices due to the vastly improved energy resolution.

O 18.18 Mon 18:00 P4
Resonant photoemission studies at the Fe 3p threshold on
thin FeTe/BizTes and FeSe/BizSez — eMARTIN VONDRAGEK!,
ToMmAs SkALa2, KArReL Carva?, GUNTHER SPRINGHOLZ3, and JAN
HonoLkal — !nstitute of Physics of the Czech Academy of Sci-
ences, Prague, CZ — 2Charles University, Faculty of Mathematics
and Physics, Prague, CZ — 3Johannes Kepler University, Institute of
Semiconductor and Solid State Physics, Linz, AT
Monolayers (MLs) of tetragonal FeTe and FeSe grow on hexagonal
BizSe3(111) and BipTez(111) substrates as three 60°-rotated domains.
In scanning tunnelling spectroscopy, a gap appears at the Fermi level
of FeTe/BizTes suggesting interface-induced superconductivity below
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Tc ~ 6 K [1]. FeSe/BizSes remains in a gapless state [2]. Uncon-
ventional superconductivity in Fe-chalcogenides (FeChs) is believed to
be correlated to the texture of the Fermi surface at I'- and M-points.
However, ARPES data of FeCh MLs on BizChs is complex due to the
superposition of contributions from all three domains. Here we show
photon energy dependent UPS data probing k. dispersions along the
I"-Z direction. Fano-like modulations of valence band intensities are
observed in the energy range 30-80 €V, indicative of a resonant pho-
toemission effect at the Fe 3p edge around 55 eV. Our ML data is
compared to previous bulk studies [3].

[1] A. Eich et al., Phys. Rev. B 94, 125437 (2016). [2] S. Manna et
al., Nat. Commun. 8, 14074 (2017). [3] T. Yokoya et al., Sci. Technol.
Adv. Mater. 13 (2012) 054403.

O 18.19 Mon 18:00 P4
Electron-stimulated photon emission on TMD defects —
eLysaNDER HuBERIcH!, JoNas ALLERBECK!, FEIFEl Xianc!, Ric-
cARDO Tors1?, ANNE MARIE Tan3, PascaL RuUFrriEUx!, RoMAaN
FaseL!, OLivEr GrONING!, RicHarD HENNIGS, YU-CHUAN LINZ,
Josuua Rosinson?, and Bruno ScHULER! — Empa - Swiss Fed-
eral Laboratories for Materials Science and Technology, Switzerland —
2Department of Materials Science and Engineering, The Pennsylvania
State University, University Park, USA — 3Department of Materials
Science and Engineering, University of Florida, USA

Due to their exceptionally long electron spin coherence and spin-
selective optical readout nitrogen-vacancy centers in diamond are
considered a key building block in quantum sensing and quantum-
cryptography applications. However, defects in bulk materials suffer
from limited tunability and placement control, poor photon extraction
efficiency, and coherence degradation close to the surface. 2D ma-
terials such as monolayer transitional metal dichalcogenides (TMDs)
are expected to overcome these challenges while offering new synthetic
strategies for the bottom-up design of solid-state defects. Here we
present an NV~ center analog in 2D; the dopant vacancy complex
(Repro + Vacg)™ in MoSz. We investigate its electronic states us-
ing scanning tunneling spectroscopy and present atomically-resolved
photon emission maps of single TMD defects by means of STM lumi-
nescence.

O 18.20 Mon 18:00 P4
Electronic and structural properties of Fe-doped SnS van der
Waals crystals — eDaMLA YESILPINAR!'®, MARTIN VONDRAGEK!,
CestmiR DraSAR2, Parrik CerMak2, ONDREs CaHA3, KAREL
Carva?, VAcLav HorLv?, Jan ProkLeska?, HArRry MoNIG?, and
Jan Honorkal — lInstitute of Physics, AV CR, Na Slovance 1999/2
182 21 Praha 8, CZ — 2Faculty of Chemical Technology, University
of Pardubice, Studentska 573, 532 10 Pardubice, CZ — 3Department
of Condensed Matter Physics, Masaryk University, Zerotinovo nam.
617/9, 601 77 Brno, CZ — “*Department of Condensed Matter
Physics, Charles University, Ke Karlovu 5, 121 16 Prague, CZ —
5Physikalisches Institute, Wilhelm-Klemm Str. 10, 48149 Miinster,
DE

We investigate the effect of low concentrations of iron on the phys-
ical properties of SnS van der Waals crystals grown from the melt.
By means of scanning tunneling microscopy (STM) and photoemis-
sion spectroscopy we study Fe-induced defects and observe an electron
doping effect in the band structure of the native p-type SnS semicon-
ductor. Atomically resolved and bias dependent STM data of charac-
teristic defects are compared to ab initio DF'T simulations of vacancy
(Vs and Vgy), Fe substitutional (Feg,) and Fe interstitial (Fejnt) de-
fects. In line with our EXAFS data, we propose the importance of
Fe;nt and discuss possible pairing defects, e.g. with Vg.

O 18.21 Mon 18:00 P4
In Operando Soft X-Ray Photoemission Spectroscopy of TaS;
and HfS; based memristive devices — ¢ TAMMO ZIMMERMANNL,
ALENA NiErHAUVE!D2, MaTTHIAS KALLANED?, JENS BUCK!'2, ZHAN-
soNG GENG3, CHAO ZHANG?, FRANK SCHWIERZ®, MARTIN ZIEGLER?,
and Kar RossnagerL?4 — llnstitut fiir Experimentelle und Ange-
wandte Physik, Christian-Albrechts-Universitat Kiel, 24098 Kiel, Ger-
many — 2Ruprecht-Haensel-Labor, DESY and CAU Kiel, 22607 Ham-
burg and 24098 Kiel, Germany — 3Department of Electrical Engineer-
ing and Information Technology , TU Ilmenau, 98684 Ilmenau, Ger-
many — 4Deutsches Elektronen-Synchroton DESY, 22607 Hamburg,

Germany

In neuromorphic engineering interface-based memristive devices
(IMDs) are promising candidates to mimic synaptic behavior. A re-
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fined understanding of bias-induced changes in the band structure
and the underlying transport mechanisms of layered transition-metal
dichalcogenide-based IMDs will improve the development toward fu-
ture applications, e.g., in artificial neural networks. Here, we show first
in operando position- and momentum-resolved soft x-ray photoemis-
sion spectroscopy measurements obtained from transistor-like TaSa-
and HfSs-based IMDs.

O 18.22 Mon 18:00 P4
Comparison of spin-crossover properties between thin film
and bulk sample of a binuclear Fe(II) complex — eMARCEL
WaLTER!, SANGEETA THAKUR!, CLARA TROMMER2, FELIX TUCZEK?Z,
SEBASTIEN ELIE HapiaDJ!, JorGE ToRrREs!, and WoLrcang Kuch!
— lnstitut fiir Experimentalphysik, Freie Universitat Berlin, Arn-
imallee 14, 14195 Berlin — 2Institut fiir Anorganische Chemie,
Christian-Albrechts-Universitiat zu Kiel, Max-Eyth-Strafe 2, 24118
Kiel
Spin-crossover molecules (SCMs) are a promising material in the field
of spintronics, due to the reversibility of switching between a high-spin
and a low-spin state, which can be triggered by light and temperature
[1]. The focus of our research is to deposit large SCMs to explore
cooperativity in spin switching on surfaces. A pulsed-valve vapor de-
position method is used for thin films. This has the advantage of
depositing (sub-) monolayers of SCMs in an UHV environment with-
out applying large amounts of thermal energy, which can decompose
the large SCMs. We compare the spin-switching behavior of the dinu-
clear SCM [{Fe(H2B(pz)2)2 }2(u-bipy-ac-bipy)| as thin film on highly
oriented pyrolytic graphite and as bulk sample using X-ray absorp-
tion spectroscopy. The spin-crossover properties were examined for
thermal-induced spin state switching as well as for light-induced ex-
cited spin-state trapping. The results show that the thin films are
locked in a mixed spin state while the bulk sample switches completely,
although the equilibrium temperature of the spin states is comparable.
[1] L. Kipgen et al., Advanced Materials 33, 24 (2021)

O 18.23 Mon 18:00 P4
Neutral and charged excitations in two-dimensional MoTe;>
from first principles oFRANZ FIScHER!'2, ABDERREZAK
BesTER!, and GABRIEL BesTER! — !University of Hamburg, Insti-
tute of Physical Chemistry, 22761 Hamburg, Germany — ?Max Planck
Institute for the Structure and Dynamics of Matter, 22761 Hamburg,

Germany

Atomically thin layers of transition metal dichalcogenides attract re-
markable interest due to their extraordinary electronic and optical
properties. The lack of inversion symmetry in their crystal structure
combined with strong spin-orbit interaction caused by heavy metal
atoms gives rise to an extra valley degree of freedom as well as large
spin splittings in the Brillouin zone.

We present an effective first-principle formalism that is extendable
to study any order of neutral or charged excitation [1]. Our formalism
relies on configuration interaction and the GW-approximation and
reduces in the case of excitons to the standard form of the BSE. We
will present results of the excited states in monolayer MoTes and their
emergence from the particular single-particle configurations. In the
future we want to extend our methodology to the temporal domain in
order to study dynamics of excited states in 2D materials.

[1] Phys. Rev. B. 100 201403(R) (2019)

O 18.24 Mon 18:00 P4
Relaxation, the moiré potential and excited states for twisted
TMDC bilayers — eCaArL EmiL MgrcH NIELSEN, MIGUEL DA
CRuz, ABDERREZAK TORCHE, and GABRIEL BESTER — University of
Hamburg, Institute of Physical Chemistry, 22761 Hamburg, Germany

In recent years, the research of transition metal dichalcogenides has
amassed much attention due to interesting properties such as strong
localisation of excited states. The field of twistronics emerged as twist-
ing provides a new degree of freedom in engineering specific properties.
However, the theoretical ab-initio approach shows an immediate chal-
lenge to overcome; large systems, where the moiré unit cell may hold
thousands of atoms.

In this project, the aim is to theoretically study moiré confined opti-
cal excitations in twisted TMD vdW-homo and heterostructures. We
have successfully integrated a force-field based method of relaxation
using LAMMPS as suggested in a paper by Jain et. al. We have
re-parameterized the SW and KC potentials seen in this paper and
expanded the parameter set to include all possible bilayer TMD com-
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binations. With these we can accurately model the associated local
band gap variation, e.g. the moiré potential, taking into effect both
lattice corrugation and atomic reconstruction. Our goal is now to in-
vestigate the excited state properties with our group-developed code
from first-principles.

O 18.25 Mon 18:00 P4

Tip-induced excitonic luminescence of an atomically-resolved
van der Waals heterostructure — eLuis Parra Loprz!:2,
ANNA RosLawska?, FABRICE SCHEURER?, STEPHANE BERCIAUD?Z,
and GUILLAUME ScHULL? — !Department of Physical Chemistry,Fritz
Haber Institute of the Max Planck Society, 14195 Berlin,Germany.
— 2Université de Strasbourg,CNRS,IPCMS,UMR 7504,67000 Stras-

bourg,France.

Van der Waals heterostructures (vdWH) made from stacks of transi-
tion metal dichalcogenides and other 2D-materials are appealing sys-
tems to investigate light-matter interaction.Their optical response is
dominated by tightly bound excitons that are sensitive to the presence
of atomic-scale inhomogeneities.These inhomogeneities lie at length-
scales below the spatial resolution accessible with standard optical
spectroscopies.Here, we present an approach using a scanning tunnel-
ing microscope to induce the luminescence of an MoSea/FL-graphene
vdWH [1].We correlate the atomic-scale landscape with the locally in-
duced optical response and observe sizeable variations in the excitonic
emission between different nm-sized areas.This study paves the way for
novel investigations regarding the local properties of vdWH and highly
localized excitons.To gain deeper insight into interlayer coupling mech-
anisms on the nanoscale, which occur on sub-ps timescales, requires
additional high temporal resolution as well.I thus conclude with an
outlook of an experimental setup capable of addressing ultrafast dy-
namics with fs-temporal and nm-spatial resolution|2].[1] Parra et al,
arXiv:2204.14022(2022).[2] Miiller et al, ACS photonics, 7(8),(2020).

O 18.26 Mon 18:00 P4
Changing structural and electronic properties of h-BN
on Ir(111) by potassium intercalation — ePHiLIP GRIMM,
FriepricH WANIERKE, FELIX OTTO, MAXIMILIAN SCHAAL, RoMAN
ForkER, and ToRSTEN FRriTz — Institute of Solid State Physics,
Friedrich Schiller University Jena, Helmholtzweg 5, 07743 Jena, Ger-
many

2D hexagonal boron nitride (h-BN) is applied in electronics compo-
nents, e.g., in gate dielectrics for transistors. However, its insulating
behaviour is strongly influenced by the growth on metal substrates.
One possibility to restore the insulating effect and to decouple h-BN
is the intercalation of akali metals due to their low ionization energies.

In this study, we use h-BN grown by CVD on Ir(111) while potassium
is deposited by thermal evaporation. The samples are investigated
at various temperatures, the lateral structure by means of LEED as
well as the electronic properties by means of XPS and (AR)PES. A
(\/g X \/g)RSOo superstructure of K and a decrease of the moiré pat-
tern originating from h-BN/Ir(111) is observed. In addition, the core
levels and the band structure shifts to higher binding energies whereas
the work function decreases by the similar value. Another observation
is a disappearing band folding of the o-bands. Due to the metasta-
bility of the superstructure at room temperature, we switched to low

temperature at 35 K and observed even larger shifts of the core levels
as well as of the band-structure (& 3 €V). In conclusion, our results
indicate an intercalation of K in the 2D-system and consequently h-BN
is decoupled from Ir(111).

O 18.27 Mon 18:00 P4
Adsorption and Reaction of Bromine on h-BN/Rh(111) —
eEvA MARIE FREIBERGER, NATALIE J. WALESKA, FELIX HEMAUER,
VALENTIN ScHWAAB, HANS-PETER STEINRUCK, and CHRISTIAN
Papp — Friedrich-Alexander-Universitdat Erlangen-Niirnberg, Erlan-
gen, Germany

Due to their unique chemical and electronic properties, rendering them
promising for many applications, numerous two-dimensional materials
(2DM) have been predicted, synthesized and characterized. To tailor
the properties of 2DM towards possible applications, their chemical
modification is of special interest. Hexagonal boron nitride (h-BN), a
graphene analogue, exhibits a so-called nanomesh on Rh(111), which
can be used as a template enabling spatially defined modification of
the 2DM. Using this template, we aim for selective functionalization of
h-BN/Rh(111) with halogens, which lead to strong electronic doping.
Here, we present a synchrotron radiation-based high-resolution X-ray
photoelectron spectroscopy (XPS) study on the adsorption and ther-
mally induced reaction of bromine on h-BN/Rh(111). The adsorption
of different amounts of bromine was followed in situ at 170 K, con-
firming the template effect of the nanomesh for low coverages. Based
on temperature-programmed XPS (TPXPS) experiments, we propose
covalent functionalization of the pores and a thermally induced on-
surface reaction of bromine. Furthermore, the adsorption is observed
to be reversible upon heating to 800 K. By shedding light on their con-
trolled chemical modification on the molecular scale, our work paves
the way for purposeful tailoring of the properties of 2DM.

O 18.28 Mon 18:00 P4
Structural investigation of antimony monolayers on Ag(111)
— oSTEFANIE HiLgers', JurLian A. Hocunaus!?2, Marte G. H.
Scuurre'?, and CARsTEN WEsTPHAL!"?2 — 1TU Dortmund Univer-
sity, Department of Physics, Otto-Hahn-Str. 4a, 44227 Dortmund,
Germany — 2DELTA, TU Dortmund, Maria-Goeppert-Mayer-Str. 2,
44227, Dortmund, Germany

Similar to graphene and further elements of the 4th main group,
Group-V elements such as antimony are also predicted to have extraor-
dinary electronic properties. Because of the strong spin-orbit coupling
and the resulting topological properties, antimony monolayers are of
great interest for future electronic applications. Since the structural
configuration of 2D-materials has major influence on the electronic
properties of the material, structural investigations are highly rele-
vant. In the here presented research we report on the synthesis and
structural investigation of antimoy monolayers on Ag(111).

After several cleaning cycles in UHV, antimony is evaporated by a Kud-
sen cell to deposit monolayers on the Ag(111) surface. The well-known
(v/3xv/3)R30° superstructure can be identified by low-energy electron
diffraction (LEED). In addition, a (24/3x2+/3)R30° superstructure can
be verified for higher coverages. Furthermore, the real space structure
is investigated by scanning tunneling microscopy (STM).

O 19: Poster Monday: Scanning Probe Techniques 1

Time: Monday 18:00-20:00

O 19.1 Mon 18:00 P4
Quantifying Force and Energy in Single-Molecule Metalation
— KarL RoTHE!, eNicoLas NEeL!, MARIE-LAURE BocqQuEeT?, and
Jore KroOGER! — !Institut fiir Physik, Technische Universitit Il-
menau, D-98693 Ilmenau, Germany — 2PASTEUR, Département de
Chimie, Ecole Normale Supérieure, PSL University, Sorbonne Univer-
sité, CNRS, 75005 Paris, France

An atomic force microscope is used to determine the attractive inter-
action at the verge of adding a Ag atom from the probe to a single
free-base phthalocyanine molecule adsorbed on Ag(111). The exper-
imentally extracted energy for the spontaneous atom transfer can be
compared to the energy profile determined by density functional the-
ory using the nudged-elastic-band method at a defined probe-sample
distance.
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0 19.2 Mon 18:00 P4
Live demodulation of pseudo-heterodyne SNOM at kHz rep-
etition rates — ePHILIPP SCHWENDKE'!, SAMUEL PaLaTo!, NICOLAT
Grossk?, and Juria STAHLER! — 'PC dept., FHI of the MPG and
HU Berlin — 2ELAB, FHI of the MPG

Scanning near-field optical microscopy (SNOM) allows the spectro-
scopic investigation of functional surfaces with spatial resolution be-
yond the diffraction limit. For the observation of electron dynamics
on a femtosecond and nanometre scale, common setups rely on high
repetition rate laser systems in order to avoid the Nyquist limit, im-
posed by signal modulation through the tapping AFM tip. Phase-
domain sampling schemes allow sample rates below the Nyquist fre-
quency, permitting the use of kHz-class optical amplifiers for tunable
wavelengths down to the UV and femtosecond time resolution. We
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introduce quadrature demodulation for a robust and fast signal de-
modulation, while also simplifying the experimental setup.

Here, we illustrate and evaluate different methods for signal mod-
ulation and data analysis, with the aim of increasing the signal to
noise ratio while maintaining high spatial resolution. The near-field
contribution is identified through retraction curves, while noise and
overall performance is evaluated on real-space images of a Si test sam-
ple, showing a significant signal contrast at high harmonic orders of
tapping modulation. The presented methods are straightforward to
combine with established optical methods, paving the way towards
time-resolved SNOM and nano-spectroscopy.

0O 19.3 Mon 18:00 P4
Designing a Scanning Probe Microscope to quantify electron
correlations in novel 2D materials — eNIKHIL SEEJA SIVAKU-
MAR, HENNING VON ALLWORDEN, DANIEL WEGNER, ALEXANDER AKO
KHAJETOORIANS, and NADINE HAUPTMANN — Institute for Molecules
and Materials, Radboud University, Nijmegen, The Netherlands

Quantum phases in a single or few layers of van der Waal materials
often exhibit novel types of charge and spin orders that are driven by
electron correlations. To understand the role of electron-electron inter-
actions, it is required to quantify the interplay between the geometric
structure, charges and spins at the atomic scale. Scanning tunneling
microscopy (STM) and its accompanying magnetic mode, spin polar-
ized STM, are powerful techniques to study the geometric, electronic
and magnetic structure, but their application is limited to metallic
or semiconducting quantum phases. Here, we present the design and
setup of a home-built scanning probe microscopy setup working at 1K
based on a JT-stage with 4He, operating in a 3T out-of-plane magnetic
field. The setup will combine STM with non-contact Atomic Force
Microscopy, Kelvin Probe Force Microscopy, and Magnetic Exchange
Force Microscopy to independently study the geometric, electronic and
magnetic structure in insulating quantum phases of 2D materials, as
well as at phase transitions to conducting phases. A gating stage will
allow to study 2D materials in a device geometry.

O 194 Mon 18:00 P4
Nanoscale capacitance and dielectric permittivity measure-
ments — ePascaL Rourerck!, Lukas Draco Cavarb2 PETER
REeicHEL?, and STEFAN A. L. WEBERY'2 — 1 Max Planck Institute for
polymer research, Department physics at interfaces, Ackermannweg
10, 55128 Mainz, Germany — 2Johannes Gutenberg University, De-
partment of Physics, Staudingerweg 10, 55128 Mainz, Germany

The knowledge of capacitance and dielectric properties in the nanoscale
is important to understand the basic physics of semiconductor mate-
rials, such as solar cells or battery materials.[1]

In this work, we demonstrate quantitative capacitance and dielectric
constant measurements of individual nanostructures using an Atomic
Force Microscope (AFM). The new Heterodyne Scanning Capacitance
Microscopy (H-SCM) method is based on frequency mixing of two al-
ternating current (AC)-voltages with frequencies in the MHz range.
This new method enables quantitative measurements of tip-sample ca-
pacitance and local dielectric permittivity with the lateral resolution
of the AFM. We can show that the H-SCM reduces the effect of stray
capacitance and thereby yields superior lateral resolution.

References:

[1] Fumagalli, L.; Ferrari, G.; Sampietro, M.; Gomila, G. Applied
Physics Letters 2007, 91(24), 236243110. doi:10.1063/1.2821119

O 19.5 Mon 18:00 P4
Sphere Probes for Scanning Thermal Microscopy — eSOPHIE
RopeHUTSKORS, FRIDOLIN GEESMANN, PHILIPP THURAU, and ACHIM
KirTeEL — Insitut fiir Physik, Carl-von-Ossietzky Universitdt Olden-
burg

Scanning thermal microscopes based on STM and AFM have been
used for years to observe near-field mediated heat transfer. Using
custom-built coaxial thermocouple tips in an STM setup, spatially
highly resolved heat transfer measurements are possible [1]. The total
heat transfer between a spherically approximated tip and a sample is
expected to depend on the square of the tip’s radius [2]. By attaching
a 20 pum borosilicate sphere to such a coaxial thermocouple sensor,
heat flux sensitivity is further increased in distance-dependence mea-
surements of the heat transfer between a cooled sample and a tip at
room temperature for different materials. These sensors can be used
for highly resolved radiative heat transfer measurements as well as for
heat conduction measurements through self-assembled monolayers of
organic molecules.
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[1] K. Kloppstech et al., Nat. Commun., 8, 14475 (2017)
[2] E. Rousseau et al., Nat. Photonics 3.9, 514-517 (2009)

0O 19.6 Mon 18:00 P4
A New Sensor Concept for Scanning Thermal Microscopy —
eMARVIN GLITTENBERG, PHILIPP WIESENER, and AcHiM KITTEL —
Institut fiir Physik, Carl von Ossietzky Universitdt Oldenburg

Near-field mediated heat transfer (NFMHT) between two surfaces sep-
arated by a vacuum gap has become a widely investigated topic in
the past decades. To measure this phenomenon, we are using a self-
developed near-field scanning thermal microscope (NSThM) based on
an STM. It is equipped with self-made thermocouple tips consisting
of a platinum wire molten into a borosilicate glass capillary which is
then coated with gold. Since the gold layer can also be used as a tun-
neling electrode, we were able to measure the thermoelectric voltage
and the tunneling current between the tip and sample simultaneously.
However, the voltage drop due to the tunneling current interfered with
the thermo voltage, making break junction experiments investigating
heat and electrical conduction uninterpretable. In a new design of the
tips for the NSThM, the thermocouple is covered first by an insulating
silicon dioxide film and finally by a second gold film, which then acts
as a tunneling electrode separate from the thermocouple and elimi-
nates crosstalk. These tips are called PASA-tips due to the sequence
of materials (platinum-gold-silicon dioxide-gold). Some example mea-
surements of radiative heat transfer and heat conduction with these
tips are shown to illustrate their capabilities.

0 19.7 Mon 18:00 P4
Implementation of a SPPX Setup and investigation of
the delay-time modulation induced intensity modulation —
eMARLO TEICHMANN, GEORG TRAEGER, and MARTIN WENDEROTH
— V. Physical Institute, University of Gottingen, 37077, Gottingen,
Germany

Shaken-pulse-pair-excited STM (SPPX-STM) successfully combines
optical pump-probe techniques with STM to obtain high temporal and
spatial resolution [1]. SPPX-STM achieves this by introducing a mod-
ulation of the delay time between pump- and probe pulses. The mod-
ulation of the delay time instead of the intensity leads to a constant
thermal load and hence minimizes thermal effects. However, recent
studies have shown that higher harmonics of this modulation causes
additional undesirable signals in time resolved measurements [2].

In this study, we implemented a SPPX setup with two semiconduc-
tor lasers. These lasers can be triggered electronically which allows
for delay times below 1ns between pump- and probe pulse. We imple-
mented two different pump probe schemes to suppress the additional
signals, caused by the SPPX-Method. By choosing an improved mod-
ulation scheme, we show that it is possible to suppress the contribution
of the higher harmonic signals by more than one order of magnitude.

[1] Kloth et al. Rev. Sci. Instrum. 87 (2016)

|2] Takeuchi et al. 2019 Jpn. J. Appl. Phys. 58 SIIA12

0 19.8 Mon 18:00 P4
Grating Coupled Illumination with Image Recognition for
Scanning Tunneling Microcopy under Highly Stable and
Truly Localized Optical Excitation — eGEORG A. TRAEGER!,
MarrLo H. TricuMann!, BenjamiN ScHRODERDZ, and MAR-
TIN WENDEROTH! — !IV. Physikalisches Institut, Georg-August-
Universitit Gottingen, Germany — 2Max Planck Institute of Mul-
tidisciplinary Sciences, Gottingen, Germany
‘We present a versatile approach for a highly stable and localized optical
excitation in a scanning tunneling microscopy (STM). Optical gratings
on STM tips allow to excite a surface plasmon polariton (SPP), which
travels to the tunneling junction and results in a highly confined opti-
cal excitation. Unfortunately, this technique comes with the drawback,
that a much larger thermal load compared to the conventional direct
illumination of the tunnel gap is introduced to the tip. This neces-
sitates a high stability of the laser setup both in terms of long-term
power stability and pointing[1]. The latter is limited by the mechanical
decoupling of the STM from the environment, leading to independent
movement of the microscope and the laser focus. We utilize an auto fo-
cus approach based on a CCD camera, which is aligned with the optical
pathway of a fs-laser to achieve a active coupling between the laser and
the STM. Studying ultrafast photo-currents in tunneling junctions we
find that the new setup allows for STM operation under higly localized
and background free illumination with a lateral resolution better than
2nm. [1] Kloth et al., Rev. Sci. Instrum. 87, (2016).
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0 19.9 Mon 18:00 P4
Shot-noise measurements of single-atom Josephson junctions
— oVERENA CaAsPARI, IDAN TAMIR, CHRISTIAN LoTzE, and KATHA-
RINA J. FRANKE — Fachbereich Physik, Freie Universitat Berlin, 14195
Berlin, Germany

Current passing through small constrictions fluctuates due to the dis-
creteness of charge. Measuring this so-called shot noise in atomic-scale
superconducting junctions can provide valuable information, from the
quanta of charge transferred in multiple Andreev reflections to the cor-
relations between the transmitted electrons in such processes. Here, we
use a local shot-noise measurement apparatus, operating at low tem-
peratures, to investigate shot noise in single-atom Pb-Pb junctions.
We observe charge doubling inside the superconducting gap and an
unexpected deviation from the thermal limit at zero bias voltage.

0 19.10 Mon 18:00 P4

Surface science with haptic feedback — eMaximiLiaN KoarLL!,

Denis Herrkamp?, Jaccomo Lorenz2, PuiLipp LensiNg?, and
PuiLipp Rane! — !Universitit Osnabriick, Barbarastrale 7, 49076
Osnabriick, Germany — 2Hochschule Osnabriick, Albrechtstrafie 30,

49076 Osnabriick, Germany

Modern scanning probe microscopy requires intuitive 3D tip position-
ing and direct access to 3D physical data for interpretation. Still, it is
common practice to rely on time-consuming 2D control protocols with
only very few approaches involving 3D virtual reality methods [1].

Here, we employ a haptic device for moving the tip at the micro-
scopic scale by hand. An immediate feedback from the measurement
signals that reflect the interaction of the tip with the sample is pro-
vided, allowing for a quick and intuitive exploration of conductivity
landscapes and force fields at surfaces as well as for atom manipula-
tion and tip preparation procedures.

We present the *offline* implementation for recorded data of the
well-studied system PTCDA /Ag(111) in a virtual environment (Unity)
for improved intuitive understanding of the physical properties. Fur-
thermore, we discuss the approach to interface this system with the
scan controller for *online* experiments. The 3D Systems Touch X is
used to provide tip control and haptic feedback. The physical observ-
able (tunneling current, frequency shift, damping, force or others) at
the tip position in the recorded data is translated into haptic feedback.

[1] Leinen, P.; Green, M. F. B.; Esat, T.; Wagner, C.; Tautz, F. S.;
Temirov, R. Beilenstein J. Nanotechnol. 2015, 6, 2148

O 20: Poster Monday: Solid-Liquid Interfaces

Time: Monday 18:00-20:00

O 20.1 Mon 18:00 P4
Pd nanoparticles supported on ordered Co304(111): Parti-
cle size effects in electrochemical environment — eMAXIMILIAN
KasTeENMEIER!, XiN Deng!, TomA3 SkArLa2, NaraLiva Tsup?,
LukAs Fusek!2, VikTor JoHANEK?, JOSEF MYSLIVEGEK?Z,
Yarosrava Lyknaca!, Ovar BrummeL!, and Jorg Liubal —
LFAU Erlangen-Niirnberg, Erlangen, Germany — 2Charles University,

Prague, Czech Republic

Pd nanoparticles (NPs) are efficient electrocatalysts for oxidation of
ethanol in alkaline direct ethanol fuel cells. We investigated the mor-
phology and the oxidation state of Pd NPs supported on well-ordered
Co0304(111) films as a function of the particle size after treatment in ul-
trahigh vacuum and in alkaline electrolyte under potential control. We
combined synchrotron radiation photoelectron spectroscopy and scan-
ning tunneling microscopy. Electronic metal support interaction asso-
ciated with the charge transfer at the Pd/Co304(111) interface yield
partially oxidized ultra-small Pdd+ aggregates and Pd2+ species at
Pd coverages below 0.1 ML followed by the growth of two-dimensional
metallic PdO NPs at higher coverages. The stabilities of ultra-small
and conventionally-sized NPs supported on Co304(111) and HOPG
were compared following an emersion from alkaline electrolyte at po-
tentials between 0.5 and 1.5 VRHE. We observed different oxidation
behavior related to two-dimensional and three-dimensional morpholo-
gies of supported Pd NPs on Co304(111) and HOPG, respectively.
In sharp contrast, the oxidation state of the ultra-small Pd deposits
remains unchanged between 0.5 and 1.5 VRHE.

0 20.2 Mon 18:00 P4
Film growth and stabilty of the ionic liquid [C1C1Im][Tf2N]
on Cu(111) — eTimmo TALWAR, STEPHEN MassicoT, FLORIAN
MaIER, and HaNs-PETER STEINRUCK — Lehrstuhl fiir Physikalis-
che Chemie 2, Friedrich-Alexander-Universitdt Erlangen-Nirnberg,
Egerlandstr. 3, 91058 Erlangen

Tonic liquids (ILs) are salts with melting points below 100°C and ex-
tremly low vapor pressure. These properties made them promising
candidates for various new catalytic concepts like solid catalysis with
Tonic Liquid Layer (SCILL). In this context, the interplay of ILs with
metal surfaces is highly important.

In this study, the growth and thermal behavior of ultrathin
films of 1,3-dimethylimidazolium bis|(trifluoromethyl)sulfonyl]imide
[C1C1Im][Tf2N] on Cu(111) are investigated under UHV conditions.
The films are prepared in vacuum by physical vapor deposition and
measured by angle-resolved and temperature-programmed X-ray pho-
toelectron spectroscopy. Different film thicknesses are investigated to
identify the underlying growth model, which is 2D growth up to 0.3
ML and 3D growth for higher coverages. Note that 1 ML corresponds
to a bilayer of cations and anions irrespective of their arrangement.
These films are stable up to 300 K. However above 300 K, the anion
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partly decomposes, and above 500 K, the remaining IL desorbs leaving
a decomposed residual on the surface.

Supported through an ERC Advanced Investigator Grant (ILID
693398) to HPS and by the DFG (SFB 1452 CLINT).

0O 20.3 Mon 18:00 P4
Influence of water in the electrolyte on the electrochromic
characteristics of WOs — eSoprHIE GOBEL, THI Har QUYEN
NcuveN, and DERCK SCHLETTWEIN — Justus-Liebig-Universitét
Giefsen, Institut fiir Angewandte Physik

In view of global warming, the reduction of C'O2 emissions in the
energy sector, e.g. in private households is urgent. In this case, espe-
cially heat flow through windows has a main impact. With the help of
so-called smart windows, the irradiation of sunlight can be controlled
to decrease the energy consumption by air conditioning or heating
systems. A possible approach to such switching is provided by elec-
trochromic layers. One of the best observed materials for such smart
windows is tungsten oxide WOs. In this work, porous WOs films
were prepared via a sol-gel process and spin-coating on fluorine-doped
tin oxide (F'TO). In order to achieve the porous structure, polymers
(PEG400 and PIBsg — b — PEOys) were added as additives in the
precursor solution. To enhance the electrochromic characteristics of
the WOs3 films in contact to an electrolyte consisting of LiClO4 in
propylene carbonate, addition of water into the electrolyte was stud-
ied. The amount of added water was varied while the influence on
the electrochemical and spectral properties was monitored by cyclic
voltammetry and UV /Vis spectroscopy.

0 20.4 Mon 18:00 P4
In situ surface X-ray diffraction studies of Pt(110) — eJaN
OLe Fenrs!, Timo Fucns!, Jakus DrRNEC?, MARTA MIROLO?, SER-
ury CHEREVKOS®, VALENTIN Brieca®, Davip HARRINGTON?, CHEN-
TIAN Yuan?, and OLar MaGNUssEN! — I Christian-Albrechts Univer-
sitét zu Kiel, Germany — 2European Synchrotron Radiation Facility,
Grenoble, France — 3Helmholtz Institute Erlangen-Niirnberg for Re-
newable Energy, Germany — 4University of Victoria, Canada

The surface oxidation of platinum is an important process in the degra-
dation of platinum electrocatalysts in PEM fuel cells. Previously, the
oxidation of the (111) and (100) surfaces of platinum was investigated
by Fuchs et al. to understand the underlying mechanisms and growth
of the oxide structures. In this work the (110) surface was studied by
similar in situ high energy surface X-ray diffraction (HESXRD) at the
ID31 beamline of the European Synchrotron Radiation Facility. Unre-
constructed as well as (1x2)-reconstructed Pt(110) surfaces were pre-
pared and their restructuring upon oxidation was examined. Distinct
differences in this restructuring of the unreconstructed and the (1x2)-
reconstructed surface were found. The changes in occupancy of the
topmost surface layers after one oxidation/reduction cycle are greater
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for the unreconstructed surface than for the reconstructed surface, sug-
gesting that the latter is more stable upon oxidation. In accordance
with this result, it was also found that the missing row reconstruction
of the surface was only lifted during the reduction of the surface oxide.

O 20.5 Mon 18:00 P4
Increase of the Spectroelectrochemical Performance of W03
Films by Using Additives During Film Growth — eTH1 Har
QuvEN NcuveN!, FLoriaNn EBeruEmM!, SopHiE GOBEL!, PascaL
Cor2, Marws Eckerr!, Tim P. ScuNEIDER!, Lukas GUMBEL!,
BERND M. SMmaRsLy?, and DERCK SCHLETTWEIN! — ! Justus-Liebig-
Universitit Giefen, Institut fiir Angewandte Physik — 2Justus-Liebig-
Universitat Giefsen, Physikalisch-Chemisches Institut

Tungsten oxide (WO3) is commonly used as an electrochromic ma-
terial in smart windows. The electrochromic performance of WOs
is highly influenced by the mixed electronic and ionic transport in
the film and, thus, by the accessibility of the internal film volume.
In this work, WOs3 thin films were prepared by spin-coating from a
precursor solution based on peroxotungstic acid and different poly-
mer additives such as polyethylene glycol (PEG), a block copolymer
(PIBsp — b — PEQys5) and a combination thereof. The influence of
the additives on the porosity and composition of W O3 was studied by,
e.g., scanning electron microscopy, X-ray photoelectron spectroscopy
and atomic emission spectroscopy. Electrochromic characteristics of
the films were measured with LiClO4 in propylene carbonate as elec-
trolyte. The intercalation of LiT ions was analyzed by time-of-flight
secondary ion mass spectrometry. The use of PEG provided microp-
orous films leading to improved effective diffusion coefficients, trans-
mittance modulations and response times compared to compact WOs.
Further improved characteristics were obtained for films with intercon-
nected mesopores prepared with PEG and PIBsg — b — PEQOys.

0 20.6 Mon 18:00 P4
Visualizing electrochemical interfaces with combined
AFM/STM — eANDREA AUER, BERNHARD EDER, and FRrANz
GiessiBL — Institute of Experimental and Applied Physics, Univer-
sity of Regensburg, Germany

Atomic force microscopy (AFM) that can be simultaneously performed
with scanning tunneling microscopy (STM) modes using metallic tips
attached to self-sensing quartz cantilevers (qPlus sensors) has advanced
the field of surface science by allowing for unprecedented high spa-
tial resolution under ultrahigh vacuum conditions. Applying a qPlus
sensor-based AFM /STM setup to electrochemistry could offer new and
groundbreaking possibilities to locally image both the 3D layering of
the interfacial water and the lateral structure of the electrochemi-
cal double layer. In this work, a home-built AFM/STM instrument
equipped with a qPlus sensor for operation under precise potential con-
trol in an electrochemical liquid cell is presented. Special care is taken
in the preparation of etched Pt/Ir tips, which are attached to the qPlus
sensor and subsequently coated with insulating wax to allow for both
AFM and STM measurements in the electrolyte with minimal leak cur-
rents. Ongoing work includes investigations of the potential-dependent
structural interface organization of the electrochemical double layer
on both highly oriented pyrolytic graphite (HOPG) and Au(111) elec-
trodes in acidic media by means of (simultaneous) AFM/STM imaging
and force spectroscopy.

O 20.7 Mon 18:00 P4
Phase-shifting electron holography in an environmental TEM
— eULricH Ross!, Jonas LINDNER2?, ToBias MEYER?, MICHAEL
SeiBT!, and CHRISTIAN Jooss? — V. Physik Georg-August Univer-

sitit Gottingen — 2IMP Georg-August Universitit Gottingen

Off-axis electron holography is a phase reconstruction technique which
enables access to the complex exit-wave of thin samples. Information
on the phase and amplitude of the exit wave is useful in order to gain
insight on nm-scale electromagnetic fields. In the field of catalyst re-
search electrostatic surface fields are of particular interest, since the
potential drop over the surface can be assumed to play a major role in
the reaction mechanisms.

Conventional off-axis holography reconstruction operates via the
Fourier domain. As a consequence, the accessible range of spatial
frequencies is band-limited by the carrier frequency of the hologram.
A trade-off is always necessary in order to optimize fringe frequency,
visibility, phase-contrast transfer and instrument stability for a certain
range of spatial frequencies. In contrast, we demonstrate the imple-
mentation of phase-shifting holography at sub-nm resolution combined
with an advanced drift correction scheme, and successfully match the
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results to multislice image simulations as well as conventional defocus
series. The method is added to the in-situ capabilities of a third-order
aberration-corrected environmental TEM in order to investigate sur-
face effects in catalytic platinum samples under low pressures of oxygen
and water.

0 20.8 Mon 18:00 P4
Self-organized structures of peri-arylenes on electrode sur-
faces — oKRisTIN GRATZFELD', ANNA KNv!, Tomasz Kosmara?,
Rapostaw WAaSIELEWSKI?, MAREK Nowicki?, KLaus WANDELT!Z,

and MoRriTz SokoLowski? — lInstitut fiir Physikalische und Theo-

retische Chemie der Universitit Bonn — 2Institute of Experimental
Physics, University of Wroclaw, Poland
We investigated self-ordered structures of 3,4,9,10-perylene-

tetracarboxylic acid (PTCA) on the Au(111) electrode interface. In
recent electrochemical studies, the protonation/ deprotonation pro-
cess of PTCA was studied, however no structural data information
was reported, yet [1]. To investigate the structures of PTCA at the
Au(111) electrode interface we used cyclic voltammetry (CV) and
electrochemical STM (EC-STM). For negatively charged surfaces, we
observed stripe like phases of PTCA with an edge-on orientation of
the molecules that transform into a less dense phase at more positive
potential with flat-lying molecules. We suppose that this transition is
correlated with a partial deprotonation of the PTCA. Acknowledge-
ment: This work was supported by the DFG through the research
training group 2591, the DAAD (Deutscher Akademischer Austausch-
dienst) program Ostpartnerschaften and the NAWA (National Agency
for Academic Exchange) program. We thank H. Baltruschat for help-
ful discussions and experimental support. [1] J. Am. Chem. Soc., 138,
1493, 2016.

0 20.9 Mon 18:00 P4
DFT study of the interaction of Br and S adsorbates on the
Ag(100) surface — eSONKE BUTTENSCHON and ECKHARD PEHLKE
— Institut fiir Theoretische Physik und Astrophysik, Christian-
Albrechts-Universitat zu Kiel, 24098 Kiel, Germany

Adsorbate-adsorbate interactions on metal surfaces affect the adsorp-
tion and diffusion on surfaces and, in case of self-diffusion, the growth
of surfaces. As a model system, the diffusion of S adatoms on halogen-
covered Cu and Ag electrodes at electrochemical interfaces has been
studied by O. Magnussen and his group [1]. Prerequisite for a theoret-
ical analysis is an accurate quantitative description of the adsorbate-
adsorbate interactions of the species involved. To this end we have car-
ried through density-functional total-energy calculations of the Br-Br
and S-Br interaction on Ag(100) using the codes PWscf and PWneb
from the Quantum ESPRESSO package [2]. We observe that addi-
tional contributions to the interaction energy beyond the dipole-dipole
interaction [3] need to be included, which are due to electronic and
elastic mechanisms [4].

[1] B. Rahn, O. M. Magnussen, ChemElectroChem 5, 3073 (2018).

[2] P. Giannozzi et al., J. Phys. Condens. Matter 21, 395502 (2009),
ibid. 29, 465901 (2017).

[3] T. Juwono et al., J. Electroanal. Chem. 662, 130 (2011).

[4] K. H. Lau, W. Kohn, Surface Science 75, 69 (1978). K. H. Lau,
W. Kohn, Surface Science 65, 607 (1977).

O 20.10 Mon 18:00 P4
The optical spectroscopy of InP(100) in contact with hy-
drochloric acid: A first-priciples study — eJonamin Km!:2,
Marcor Guipar!:2, Mario Low!, and MarTHias M. Mayh?2 —
Hnstitute of Physical and Theoretical Chemistry, Universitit Tiibin-
gen, D-72076 Tiibingen, Germany — 2Institute of Theoretical Chem-
istry, Universitdt Ulm, Ulm, Germany

The I1I-V semiconductors, such as indium phosphide (InP), show high-
est solar energy conversion efficiencies, and are commonly used for a
variety of applications, particularly high-performance opto-electronic
devices. However, these semiconductors face fundamental challenges
since they tend to corrode in aqueous electrolytes [1]. A passivisation
layer on their surface is the most efficient way to address this draw-
back. Studies have demonstrated that a system of the InP(100) in
contact with hydrochloric acid exhibits high conversion efficiencies and
reasonable stability. In this computational work, we investigate the
interaction of InP(100) with hydrochloric acid by means of computa-
tional optical spectroscopy. Theoretically derived reflection anisotropy
spectroscopy (RAS) is employed for the optical optical spectroscopy.
According to our calculations, the RA spectra are significantly changed
with probable surface geometries. A comparison of our results with ex-
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periment spectra reveals that the fully Cl-covered structure is the most
reasonable surface. This verified structure can be used as a starting
structure for further investigations of the InP(100)-electrolyte inter-
face.

[1] O. Khaselev and J.A. Turner, Science 280, 425 (1998).

0 20.11 Mon 18:00 P4
Imaging and Illumination of Self-Assembled Molecules at
Solid and Liquid Interfaces — eBensu GUNAY, eSHILPA PAN-
cuaMI Raj, CHrisTOPHE Naccr, and LEONHARD GRILL — University
of Graz

Nanotechnological approaches for photochemical on-surface synthesis
of covalently-bonded nanostructures have received recent attention at

O 21: Poster Monday: Topology
Time: Monday 18:00-20:00

O 21.1 Mon 18:00 P4
Local manifestations of thickness dependent topology and
axion edge state in topological magnet MnBisTey
oFELIX LUPkeE}2, AnNH PuaM?, YI-FAN ZHAOS, LING-JIE ZHOUS3,
WeNcHANG Lut® EwmiL Bricas?, Jerzy BerNHOLC*S, MAREK
KoLMER?6, WonnEe Ko?, Cul-Zu CHANG®, PANCHAPAKESAN
Ganest?, and AN-Ping Li2 — !Peter Griinberg Institut (PGI-3),
Forschungszentrum Jiilich, Germany — 2Center for Nanophase Mate-
rials Sciences, Oak Ridge National Lab, USA — 3Physics, The Penn-
sylvania State University, USA — 4Physics, North Carolina State Uni-
versity, USA — 5Computational Sciences and Engineering Division,
Oak Ridge National Laboratory, Oak Ridge, Tennessee 37916, USA —
6 Ames Laboratory, USA

The interplay of non-trivial band topology and magnetism gives rise
to a series of exotic quantum phenomena, such as the emergent quan-
tum anomalous Hall (QAH) effect. Many of these phenomena have
local manifestations when the global symmetry is broken. Here, we
report local signatures of the thickness dependent topology in intrinsic
magnetic topological insulator MnBisTes (MBT), using scanning tun-
neling microscopy and spectroscopy on molecular beam epitaxy grown
MBT thin films. A thickness-dependent band gap with an oscillatory
feature is revealed, which we reproduce with theoretical calculations.
At step edges, we observe localized electronic features, in agreement
with topological phase transitions across the steps.

0O 21.2 Mon 18:00 P4
Electronic Structure of the Weak 3D Topological Insula-
tor Candidate BijsRh3Agglg — eJonaNNES HESSDORFERY2, ED-
UARDO CARILLO-ARAVENAZ3, ArRmMANDO ConsigrLio?#, MICHAEL
Ruck?3, Domenico D1 SaNTE?, and FRIEDRICH REINERT!:2
IExperimentelle Physik VII, Universitat Wiirzburg, Wiirzburg, Ger-
many — 2Wiirzburg-Dresden Cluster of Excellence ct.qmat, Wiirzburg
Dresden, Germany — 3Anorganische Chemie II, Technische Uni-
versitat Dresden, Germany — %Theoretische Physik I, Universitit
Wiirzburg, Wiirzburg, Germany — 5University of Bologna, Bologna,
Ttaly

The electronic structure of BijaRh3zAgglg, a weak topological in-
sulator (TI) candidate, is investigated by means of angle-resolved
photoelectron spectroscopy (ARPES) and density functional theory
calculations. The compound consists of alternating layers of a 2D
TI in a Kagome configuration, separated by insulating spacer layers.
The Kagome net is formed by rhodium centered bismuth cubes, while
the spacer consists of silver and iodine. The results are compared to
the mother material Bij4Rhslg [1], denoting the first experimentally
observed weak TI. In particular, the influence of the silver substitution
into the spacer layer and the potential modification of the coupling
between the 2D TI layers is discussed.

[1]Rasche et al., Nature Mater, 12, 422-425 (2013)

O 21.3 Mon 18:00 P4
Characterisation of Fe adsorbates and their effect on the lo-
cal density of states on topological insulators TIBiSez and
BizSes by means of combined STM/STS and AFM — e ADRIAN
WEINDL, CHRISTOPH SETESCAK, ALEXANDER LIEBIG, and Franz J.
GiessiBL — University of Regensburg, Germany

solid/air and solid /liquid interfaces. At the solid/liquid interface, there
is in principle always a dynamic equilibrium between the molecules ad-
sorbed on the surface and those still dissolved in the supernatant so-
lution. Additionally, on-surface photochemical activation of chemical
reactions provides new reaction pathways and enables the formation
of long-range ordered covalent structures. The scanning tunneling mi-
croscope (STM) is a powerful tool for observing such structures at
surfaces. In this study we present STM measurements under ambi-
ent pressure and at room temperature at the solid/liquid interface.
In a first step for investigating photoactivated polymerisation under
such conditions, 2,5-didodecyl-1,4-di-1-propenyl benzene was intro-
duced onto a highly oriented pyrolytic graphite (HOPG) surface. We
report on the self-assembled structures as well as attempts for photo-
chemical activation using various wavelengths at room temperature.

and Symmetry-Protected Materials
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Can one tailor the properties of the topological surface state (TSS)
of topological insulators (TIs) by magnetic doping of the TI material?
Here, we study the effect of magnetic adatoms on T1I surfaces by means
of combined scanning tunneling microscopy (STM) and atomic force
microscopy (AFM). Two archetypical TIs, BizSes and T1BiSesa, are
studied, which both have relatively large band gaps with their Dirac
points well isolated and far from bulk states. While the surface of
BiaSes is atomically flat, T1BiSez exhibits a peculiar surface termina-
tion consisting of half a monolayer of thallium atoms sitting on top
of a full selenium layer. Magnetic impurities, in this case single Fe
adatoms, and their influence on the local density of states (LDOS)
of the two TIs are investigated by means of scanning tunneling spec-
troscopy. We detect resonances in the LDOS for the Fe adatoms that
arise due to the scattering of electrons in the T'SS at these impurities.
The position and shape of these resonances are a function of the ex-
act adsorption position of the adatoms, which can be determined by
means of atomically-resolved AFM measurements.

O 21.4 Mon 18:00 P4
Investigation of the V/TI interface by TEM and ARPES
— eXi1ao Houl, Max Vassen-CARL?, MoHAMMED Qanosu!, XI-
ANKUT WEI®, PETER SCHUFFELGEN?, CLAUS MICHAEL SCHNEIDER',
and Lukasz PrLucinski! — 1PGI-6, Forschungszentrum Jiilich, Ger-
many — 2PGI-9, Forschungszentrum Jiilich, Germany — 3ERC-2,

Forschungszentrum Jiilich, Germany

Topological insulators (TIs) can host so-called Majorana zero modes
(MZM) when proximitized with superconductors (SCs). Such a TI/SC
system is a promising platform for realizing fault-tolerant quantum
computers by employing braiding of the Majorana zero modes [1],
in which a sharp interface between SC and TI is one of the pre-
requisites to realize the Majorana mode [2-3]. Here, vanadium(V) -
(Bio.08Sbo.92)2Tes is chosen as the SC/TI system.

We use advanced transmission electron microscopy (TEM) and
angle-resolved photoemission spectroscopy (APRES) to study struc-
tural and electronic properties of the V/TI interfaces. High-resolution
TEM and high-angle annular dark-field imaging provide details on
crystallinity and atomic arrangements associated with various types of
structural defects, while the energy-dispersive X-ray spectroscopy re-
veals the elemental distribution and also the interfacial interdiffusion.
The band alignments between TI and V are studied using ARPES on
ultrathin V films deposited on vacuum-transferred TI surfaces.

[1] B. Jack et al. Science 364.6447 (2019). [2] P. Schiiffelgen et
al. Journal of crystal growth 477 (2017). [3] M. Bai et al. Physical
Review Materials 4.9 (2020).

0O 21.5 Mon 18:00 P4
Heterostructure engineering with the van der Waals topo-
logical insulator BizTes — M. Dirtmar!2, o¢E. ManTeL}2, P.
Kacererb?, C. I. ForNari» 2, H. BENTMANN'-2, and F. REINERT!:2
— 1Exp. Physik VII, Uni Wiirzburg — 2Wiirzburg-Dresden Cluster
of Excellence ct.qmat

Recently, combining magnetism and topology has emerged as a
promising research field spanning from topological insulator (TI)-
superconductor interfaces to intrinsic magnetic systems [1]. In these
systems exciting new phenomena such as Majorana modes are pre-
dicted to emerge. Here we present two approaches to study these
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promising structures.

The first focuses on the intrinsically ferromagnetic monolayer of
MnBizTey. In order to observe the predicted effects in this compound
its Fermi level should be tuned inside the bulk band gap. Our ap-
proach to control the Fermi level position is to prepare a single layer
of MnBisTes on top of a p-n-junction of SbaTes and BigTes grown
by molecular beam epitaxy (MBE). In the second approach we inves-
tigate the preparation of thin films of the TI BiaTes on superconduc-

tor substrates. In order to obtain more information about the crys-
talline structure and surface orientation, we use different characteriza-
tion methods such as reflection high-energy electron diffraction, X-ray
diffraction and low-energy electron diffraction. To investigate the im-
pact on the electronic structures of these systems, angle resolved and
X-ray photoemission specroscopy are employed.

[1] M.M. Otrokov et al., Nature 576 (2019)

O 22: Poster Monday: Surface Structure, Epitaxy, Growth and Tribology

Time: Monday 18:00-20:00

O 22.1 Mon 18:00 P4
Ordering processes and phase transitions in amorphous
carbon thin films induced by optical excitation — eCARL
ARNE THOMANN!, ADRIAN WITTROCK!, ALEXANDRA WiTTIG2, FIL-
1PE Lopes Dias?, DoMINIC STANGIER?, WOLFGANG TILLMANNZ,
and Jore DeBus! — l!Experimentelle Physik 2, TU Dortmund —

2Lehrstuhl fiir Werkstofftechnologie, TU Dortmund

Amorphous carbon is a metastable network of short-range ordered car-
bon atoms often used as protective coatings owing to their exceptional
tribological properties. However, high temperatures in a tribological
contact may cause considerable changes in the structural ordering,
solid-to-solid phase transitions, and degradation of the film. In this
work, we present an optical method to initiate and investigate the
structural evolution including ordering processes of differently modi-
fied films. A pulsed pump laser with micrometer spot size introduces
heat into the film, while a second laser probes the Raman scatter-
ing signatures. Increasing with laser power, five different stages of
structural evolution are found: The first one is coined by thermally
resistive amorphous carbon. It is followed by a continuous reduction
in the number of lattice defects and non-sixfold aromatic rings. Fur-
ther increasing pumping power induces a transition from a-C to de-
fected graphite and eventually leads to graphite-dominant defect re-
laxation and an enhancement in hexagonal lattice areas. Our optical
method provides a versatile tool to analyze temperature-induced struc-
tural surface changes in a controlled manner, which will improve the
understanding about the conditions in tribological contacts.

0O 22.2 Mon 18:00 P4
Interactions between bovine calf serum and metallic surface
of hipimplant taper junctions — eADRIAN WITTROCK!, SASKIA
HeERMANT!, CHRISTIAN BECKMANN!, MARKUS A. WIMMER?, AL-
FoNs FiscHEr?:3, and JOora DEBUs! — 1Experimental Physics 2, TU
Dortmund University, Dortmund, Germany — 2Department of Or-
thopedic Surgery, Rush University Medical Center, Chicago, USA —
3Department Microstructure Physics and Alloy Design, Max-Planck-
Institut fiir Eisenforschung GmbH, Diisseldorf, Germany

Within biomedical taper junctions metal surfaces interact with the
human body fluid and sustain structural and chemical changes which
are of particular interest from the medical and engineering point of
view. To simulate the tribological contact of a hip implant taper junc-
tion, fretting tests of low-carbon CoCrMo alloys and high-nitrogen
FeCrMnMoN steels are performed in bovine calf serum under different
numbers of cycles. We investigate structural and chemical variations
within the fretting contact by means of label-free and non-destructive
Raman spectroscopy. A different absorption behavior of long-chained
molecules is observed and the amide I band is shifted from 1655 cm ™!
to about 1665 cm™1!, which indicates that once a protein is bound to
the surface the conformation changes from a-helix to a random or
[B-sheet structure. A general denaturation of proteins occurs during
the fretting experiment. At the heavily worn sample positions lipids
are not detected, but sp2-hybridized amorphous carbon is sometimes
measured. Our results contribute to a deeper understanding about
structural and chemical properties of biomedical tribological surfaces.

O 22.3 Mon 18:00 P4
Distance dependence of local work function on Pb/Si(111)
island THomas SpATH!, eDANIEL ROTHHARDT2, MANUEL
Scuurze?, and Recina HorrFMANN-VocLE? — Karlsruhe Institut
Technology, D76131 Karlsruhe, Germany — 2Universtity of Potsdam,
Institute of Physics and Astronomy, Experimentelle Physik konden-

sierter Materie, D14469 Potsdam, Germany
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In order to gain a better understanding of diffusion of Lead (Pb) is-
lands on Si(111)-(7x7), it is extremely important to provide a complete
description of the electronic properties and the forces acting on the
system. Using a Scanning Force Microscope in non-contact mode with
Pt coated Si-cantilever allows us to perform point bias-approach mea-
surements at 115 K on Pb islands. We have investigated how the local
work function changes as a function of tip-sample distance and how
the electrostatic force changes as a function of the applied bias between
tip and sample. The resulting force was calculated from the frequency
shift distance curves using Baratoft’s force inversion method. A sig-
nificant change in the work function was found when the tip-sample
distance was less than 1 nm, which could arise from the overlap of the
tip wave functions and the sample wave functions.

0 22.4 Mon 18:00 P4
Epitaxial growth of gold films on elemental superconduc-

tors — eDonNcFEI WanG!, KATERINA VAXEVANI', JoN ORTUZAR!,

SteFANO TriviNI!, DaniLo LonNco!, SAMUEL KERSCHBAUMERZ,
Maxmm Tryn2, CeLia Rocero?, and Josi Ienacio Pascuan! —
LCIC nanoGUNE-BRTA, 20018 Donostia-San Sebastian, Spain —
2Materials Physics Center (CSIC-UPV/EHU), San Sebastian 20018,
Spain
In recent years, superconductivity proximity effect was employed in
the designing of topological superconductors [1]. The basic principle
in designing a topological superconductor is to introduce superconduc-
tivity, spin-orbital coupling and magnetism at the same time. Unfor-
tunately, most of the available elemental superconductors shows less
spin-orbital coupling. Gold (Au) is a material famous for its relatively
large spin-orbital coupling strength. By placing Au on elemental su-
perconductors, a superconducting system with strong spin-orbital cou-
pling is expected [2]. In our research, Au films with different thickness
were grown on elemental superconductors such as V(100) and Nb(110).
The films quality were examined by STM as well as XPS technique.
By placing magnetic molecules FeTPP on the surface Au/Nb(110), we
demonstrate the tunability of magnetic exchange interaction between
the molecule and the substrate with Yu-Shiba bound states. Moreover,
great Kondo signal enhancements near the pyrrole sites are observed.

References

[1] R. Lutchyn,et al., Phys. Rev. Lett. 105, 077001 (2010)

[2] A. Gupta, et al., Physical Review B 69, 104514 (2004)

0 22,5 Mon 18:00 P4
Preparation of highly pure Cu(110) surfaces — eMANUEL
SEITz, ANDREAS CHRIST, MARKUS LEISEGANG, and MATTHIAS BODE
— Physikalisches Institut, Experimentelle Physik II, Universitit
Wiirzburg, Am Hubland, D-97074 Wiirzburg, Germany

Ballistic transport of hot charge carriers on the nanoscale becomes
more and more important for the development of microelectronic com-
ponents [1]. The molecular nanoprobe (MONA) technique [2] is a novel
method to investigate ballistic charge transport which has already been
applied to detect anisotropic transport on the Pd(110) surface [3]. For
a more detailed understanding, a survey of other anisotropic fcc(110)
surfaces, e.g. Cu(110), is aspired. To detect characteristics intrinsic
to the Cu(110) surface, a highly clean and defect-free area of the sur-
face is needed. However, cleaning (110) surfaces with such high purity
has proven to be challenging. In this presentation, we summarize our
experiences with the preparation of Cu(110) which are compared to
similar experiments on Cu(111). While optimizing the preparation
parameters, i.e., sputter and anneal cycles, we found a high mobility
of surface atoms at room temperature on the Cu(110) surface. Fur-
thermore, upon sputtering the Cu(111) surface, island formation is
observed besides the expected vacancy islands [4].
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[1] V. Sverdlov, et. al., Sci. Eng. Rep. 58, 228 (2008).

[2] M. Leisegang, et. al., Nano Lett. 18, 2165 (2018).

[3] M. Leisegang, et. al., Phys. Rev. Lett. 126.14, 146601 (2021)
[4] T. Michely, et. al., Phys. Rev. B 50.15, 11156 (1994).

O 22.6 Mon 18:00 P4
Nanotribological properties of Nitrogen doping-induced mod-
ification graphene in ultrahigh vacuum — eSunuyu Huangh?2,
AnToinE HiNnauT!, Yming Song!, SeBasTian ScuerB!, GEMmA
GNavarro!, ThiLo GrarzeL!, and ErRNsT MEYER! — !Department
of Physics, University of Basel, 4056 Basel, Switzerland — 2Key Lab-
oratory for Design and Manufacture of Micro-Nano Biomedical In-
struments, School of Mechanical Engineering, Southeast University,
Nanjing 211189, China

Graphene, as typical atomically-thin solid lubricant with poten-
tial applications in micro- and nano-electromechanical systems
(MEMS/NEMS), has been extensively investigated on its nanotribo-
logical properties. In the present work, by using a novel experimental
approach, for the first time we directly compare the frictional prop-
erties between pristine graphene and modified graphene on a single
image, showing that atomic-scale friction can be significantly altered
by Nitrogen doping-induced modification. Specifically, C60 nano-flakes
are deposited as a mask on graphene/Ir (111) surface by thermal evapo-
ration. The sample is then exposed to a nitrogen radical flux produced
by a remote RF plasma source. After thermal annealing, to desorb
C60 molecules, both nano-patterned modified graphene and pristine
graphene, located below former C60 islands, surface is obtained simul-
taneously. By the means of high-resolution ultrahigh vacuum atomic
force microscopy, the topography of surface with two different regions
are characterized and discussed in non-contact mode and friction force
variation is measured in contact mode.

0O 22.7 Mon 18:00 P4
Investigation of indium fluctuation inside Al0.81In0.19N
layers — eKrvan Ji', Qianqian Lan?, Yan Lu?, MICHAEL
ScHNEDLER!, PuiLipp EBERT!, and RAaraL E. DUNIN-BORKOWSKI?
— 1Peter Gruenberg Institut, Forschungszentrum Juelich, D-52425
Juelich, Germany — 2Ernst Ruska-Centre for Microscopy and Spec-
troscopy with Electrons, Forschungszentrum Juelich, D-52425 Juelich,
Germany

We report on the characterization of Al0.81In0.19N/GaN heterostruc-
tures grown by Metalorganic Vapor Phase Epitaxy. The specimen was
investigated by Electron Holography, High-angle annular dark-field
(HAADF) imaging, Secondary-ion mass spectrometry, and Energy-
dispersive X-ray spectroscopy. We reveal with different techniques that
the Indium concentration gradually increases from 15% to the nomi-
nal value of 19% inside A10.81In0.19N layers. We conduct quantitative
analysis on experimental phase images from off-axis electron hologra-
phy by comparing them with images calculated from the self-consistent
electrostatic simulations. Our results illustrated that to accurately de-
termine the electrostatic potential in semiconductor materials from
electron holographic phase images, comprehensive knowledge of sur-
face conditions, chemical compositions, and strains is required.

0O 22.8 Mon 18:00 P4
Measuring energy dissipation on Si(111) with Lateral Force
Microscopy (LFM) — eTHoMAs HoLzmanNn, SHINJAE Naw,
OLiver GRETZ, ALFRED JouN WEymouTH, and FRANZ JOSEF
GiessiBL — Universitdt Regensburg, Deutschland

In Lateral Force Microscopy (LFM), a cantilever is oscillated parallel
to a sample surface at a set amplitude. The forces acting on such an os-
cillating cantilever are not necessarily conservative. The energy gain or
energy loss can be position dependent, depending on the surface. We
observed a strong lateral dependence of dissipation around adatoms
of the 7Tx7-resconstruction of Si(111). We used LFM to measure this
energy dissipation and applied different bias voltages between tip and
sample, which changed the energy dissipation. Certain mechanisms,
that contribute to energy dissipation, such as CO-bending (when using
a CO-terminated tip) and chemical bonding should not be sensitive to
changes in the bias voltage. Only the electrostatic part of the inerac-
tion should be influenced by a change in the bias voltage. We developed
a model to simulate the energy dissipation due to electrostatic forces
similar to that proposed in Ondracek et al. Nanotechnology 27, 274005
(2016). In this model, electrons tunnel to a local quantum dot on the
tip or sample before diffusing to the bulk. It can predict the area where
the dissipation occurs. But surprisingly the dissipation signal changes
its sign, depending on which side of the quantum dot the tip is located.
Following this observation we looked at possible explanations for this
behaviour.

O 23: Poster Monday: Nanostructures 1

Time: Monday 18:00-20:00

O 23.1 Mon 18:00 P4
An Atomic Boltzmann Machine capable of Self-Adaption
BriaNn Kirary!, ErLze J. KnoL!, eWERNER M.J. vaN
WEERDENBURG!, HiLBerT J. KaPPEN?, and ALEXANDER A.
KHaJETOORIANS! — lInstitute for Molecules and Materials, Radboud
University Nijmegen, the Netherlands — ?Donders Institute for Neu-
roscience, Radboud University Nijmegen, the Netherlands

A grand challenge in creating materials with brain-like functionality
is understanding multi-well systems. Such multi-well landscapes are
linked to energy-based machine learning models, often based on Ising
spins. However, the typical short-ranged exchange coupling of Ising
spins in real materials prohibit the connectivity required for multi-well
landscapes. Therefore, understanding how to create multi-well systems
and link these to attractor network models is vital [1].

We present an atomic Boltzmann machine capable of self-adaption us-
ing single Co atoms on Black Phosphorus (BP). Using the concept of
orbital memory in Co atoms [2], we design a tunable multi-well energy
landscape by patterning atoms with atomic manipulation in a scanning
tunneling microscope (STM). By electrically gating the structure with
the STM tip, we allow the dynamical exploration of its configurations.
Due to the anisotropic BP, we find two different timescales that emu-
late a fast "neural" and a slow "synaptic" timescale. We demonstrate
the self-adaption of the synaptic weights to electrical stimuli and ex-
plore frequency-based input signals in new types of orbital memory.
[1] Kolmus et al., New J. Phys. 22 (2020);

[2] Kiraly et al, Nat. Comm. 9 (2018)

0 23.2 Mon 18:00 P4
Pulling individual polar molecular wires off of a surface —
oCHRISTOPHE NAcct and LEONHARD GRILL — Department of Physi-
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cal Chemistry, University of Graz, 8010 Graz, Austria

The frictional properties of individual nanostructures are strongly in-
fluenced by the reduced size and low dimensionality. Accordingly, chal-
lenging experiments are required to measure them. Probing the me-
chanical response of individual nanostructures on chemically different
surfaces opens the possibility to explore how the static and dynamic
friction depends on the interplay between structural commensurabil-
ity and chemical composition. Here, we report the vertical pulling
of DAD molecular wires [1] off metal surfaces by non-contact atomic
force microscopy (AFM), performed under ultrahigh vacuum and at
low temperatures. These are polar wires with alternating donor (D)
and acceptor (A) groups incorporated in their chemical structure. The
aim is to probe the mechanical response of individual molecular wires
by force spectroscopy. To furthermore explore the role of structural
commensurability between polymers and surface, the polar wires are
grown on a variety of different surfaces, from stepped and corrugated
surfaces to ultrathin insulating NaCl films on metal surfaces.
[1] C. Nacci et al., Nature Comm. 6, 7397 (2015)

O 23.3 Mon 18:00 P4
Efficient Sieving Performance with Carbon Nanomembranes
(CNMs) — eYuBo QI, PETR DEMENTYEV, and ARMIN GOLZHAUSER
— Bielefeld University, Bielefeld, Germany

Nanoporous membranes are promising candidates in ion transport and
molecular separation; however, it is still a great challenge to achieve
high permeability and selectivity. Carbon nanomembranes (CNMs)
emerge as attractive materials for water purification, energy storage,
and gas separation. In this work, we present facile CNMs fabrica-
tion from polycyclic aromatic hydrocarbons that are drop-cast onto
arbitrary supports, including foils and metalized films. The electron-
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induced polymerization is shown to result in continuous sheets of vari-
ous thickness, and the material is characterized by some spectroscopic
and microscopic techniques. The permeation measurements with free-
standing membranes reveal a high degree of porosity, and the water
permeance (7107% mol m—2 s~ Pa~!) is four orders of magnitude
higher than helium (71078 mol m~2 s~! Pa~!) with a membrane
thickness of 3.0 nm. The ion transport properties were investigated
via bias voltage applied across through CNMs. The nanomembrane
showed the ability to sieve monovalent and divalent cations, selectiv-
ity of all cations follow the ordering K+ > Nat > Lit > Ca?t >
Mg?*. Functional CNMs fabricated from inexpensive precursors pave
the way towards the rational design of 2D membranes for high efficient
separation.

O 23.4 Mon 18:00 P4
Structure of NbO Nanocrystals on the Nb(110) Sur-
face — SAMUEL BERMAN!', KUANYSH ZHUSSUPBEKOV!, AINUR
ZnussuPBEKOVAL, Brian WarLLs!, KiLLian Warsug!, SeErgry 1.
Bozuko!'2, ANDREY Ionov?, Davip D. O’Recan’:3, and Icor V.
SuveTs! — 1School of Physics and Centre for Research on Adaptive
Nanostructures and Nanodevices (CRANN), Trinity College Dublin,
Dublin 2, Ireland — 2Chernogolovka — 3AMBER, the SFI Research
Centre for Advanced Materials and BioEngineering Research, Dublin
2, Ireland

The properties of Niobium based devices are greatly influenced by the
presence of surface oxygen. The highly stable NbO(111) overlayer on
the Nb(110) surface is known to host a distinctive nanocrystal struc-
ture, as observed by scanning tunnelling microscopy. However the
exact structure of this surface has remained a mystery. In order to un-
derstand this surface structure, we carry out density functional theory
calculations, along with scanning tunnelling microscopy/spectroscopy
and X-ray/ultraviolet photoelectron spectroscopy experiments. We
propose a new model, contrary to those previously proposed in the
literature. The nanocrystal pattern is ascribed to a subtle reconstruc-
tion in the surface layer which locally breaks the hexagonal NbO(111)
symmetry, giving rise to modulations in the local density of states.
Excellent agreement is found between our model and the observed ex-
perimental data. We also investigate the underlying reasons that the
surface adopts this unusual structure.

O 23.5 Mon 18:00 P4
Helium Ion Microscopy of insulating Materials using Charge
Compensation — eMicHAEL WEsTPHAL!, NaTaLIE FrRESE!, YUBO
Qi!, Hirovuki Takrr?, PETR DEMENTYEV!, ANDRE BEYER!, and
ArMIN GovLzHAUuser! — 1Bielefeld University, Germany — 2Toyo
University, Japan

Surface-sensitive imaging capabilities in nanotechnology have become
increasingly important in recent years. While scanning electron mi-
croscopes (SEM) have become more powerful, they reach their limits
when it comes to electrically insulating samples. The accumulation of
charge carriers on the sample surface can lead to severe imaging arti-
facts which necessitates the application of conductive coatings. Helium
ion microscopes (HIM) have the possibility to stabilize electric charges
by using an electron flood gun to reveal nanoscopic sample features
that would otherwise be covered by a conductive coating. In this con-
tribution, we show the benefits of charge-compensated HIM imaging
over conventional SEM imaging using the examples of SARS-CoV-2
virus particles [1], carbon nanomembranes from Aromatic Precursors
without Headgroups, metal coated SiO2- and carbon micro-spheres [2].
[1] N. Frese et al. , Beilstein Journal of Nanotechnology 12 172-179
(2021). [2] M. Wortmann et al., Journal of Analytical and Applied
Pyrolysis Volume 161, January 2022, 105404.

0 23.6 Mon 18:00 P4
2D covalent organic frameworks from diboronic acids: the
influence of the solvent — eWENBO Lu, ETHAN MALONE, MiI-
HAELA ENAcCHE, and MEIKE STOHR — Zernike Institute for Advanced
Materials, University of Groningen, Netherlands

Over the past years, two-dimensional (2D) covalent organic frameworks
(COFs) have gained substantial interest for their use in nanopattern-
ing, organic electronics, and as a basis for nanoreactors or molecular
sieves. In particular, 2D COFs formed by polycondensation of boronic
acids on surfaces have already yielded promising results [1, 2].

In this study, 2D COFs were synthesized by 1,4-benzenediboronic
acid (BDBA) polycondensation on highly oriented pyrolytic graphite
(HOPG) which resulted in the formation of a long-range ordered hexag-
onal molecular network. For the formation of the 2D COFs, a drop of

42

BDBA solution was deposited onto HOPG, then placed in an autoclave
and annealed at certain temperature. The structure and coverage of
the 2D COFs was studied by scanning tunneling microscopy and atomic
force microscopy under ambient conditions. In order to obtain both
high quality as well as extended COFs, the influence of four solvents
on the COF formation was studied. Our results provide guidance for
obtaining high quality 2D COFs formed by boronic acid derivatives.

[1] S. Spitzer et al., Chemical Communications 53 (2017) 5147.

[2] J. F. Dienstmaier et al., ACS Nano 6 (2012) 7234.

0O 23.7 Mon 18:00 P4
On-surface synthesis of narrow porous graphene nanorib-
bons — eCHRISTOPH DOBNER!, MAMUN SARKER?, ADRIAN EBERT!,
ALEXANDER SINITSKITZ, and AXEL ENDERs! — !Physikalisches Insti-
tut, Universitdt Bayreuth, Universitatsstrafie 30, 95447 Bayreuth, Ger-
many — 2Department of Chemistry, University of Nebraska-Lincoln,

Lincoln, NE68588, USA

Fueled by the technological necessity to induce semiconducting prop-
erties in graphenic nanostructures, the search for strategies to manip-
ulate their electronic properties has become an active field of research.
Common control parameters that determine the band gap of graphene
nanoribbons (GNR) are structural width, edge design and heteroatom
doping. It has also been theoretically predicted that periodic vacan-
cies can open up a band gap in to otherwise semimetallic 2D-graphene
sheets. It is thus reasonable to expect that porosity could also con-
tribute to the band structure of already semiconducting GNRs. In
this work we present a strategy for the on-surface synthesis of porous
GNRs using precursor. We will show that modified halogenation sites
on the precursor molecules result in GNRs containing a periodic ar-
rangement of vacancies along the ribbons backbones. Tunneling spec-
troscopy was used to determine the band edge locations and band gap
width of such structures, revealing a increased band gap of 1.96 V.
Additional dI/dV mapping revealed that periodic electronic states are
located at the edges and inside the backbone, induced by the porosity
of the structures. Based on these findings a route towards considerably
wider porous graphenic flakes will be discussed.

0 23.8 Mon 18:00 P4
Construction of a regular tessellation via bromine bond on a
Ag(100) surface — eWENCHAO ZHAO, NAN Cao, Brao Yang, and
JoHANNES V BARTH — Physics Department E20, Technical University
of Munich, D-85748 Garching, (Germany)

Engineering 2D surface tessellations at the molecular level attracted
major interest with the development of nanoscience and technology.
To this end supramolecular self-assembly exploiting tailored molecu-
lar species and programmed intermolecular interaction are widely em-
ployed. Halogen bonds are promising for potential application due
to the o-hole anisotropic charge distribution of halogen atomsl,2,3.
Herein, we address the behavior of ditopic bromine-terminated linear
monomers on a Ag(100) surface at the molecular level, affording a tes-
sellation guided by the surface symmetry. In the temperature range
of 120 to 200 K, the building blocks form a porous nested grid struc-
ture stabilized by bromine bonds and molecule-substrate interactions.
Two kinds of quad nodes are distinguished therein, involving a com-
plex non-covalent bonding scheme. Interestingly, both nodes feature
supramolecular chirality, entailing domains with both rectangular and
trapezoid cavities. Our work introduces a new and complex surface
tessellation scheme based on halogenated hydrocarbons on metal sur-
faces. References 1. G. Cavallo et al., Chem. Rev. 116, 2478-2601
(2016). 2. Z. Han et al., Science 358, 206-210 (2017) 3. Mallada et al.,
Science 374, 863-867 (2021)

0 23.9 Mon 18:00 P4
Graphitic nitrogen substitution in graphene nanoribbons —
eNicoLd Bassi!, Frirer Xianc!, PascaL Rurrieux!, AKIMITSU
NariTa?, KLaus MULLENZ, and RoMaN Faser! — Empa-Swiss Fed-
eral Laboratories for Materials Science and Technology, Diibendorf,
Switzerland — 2Max Planck Institute for Polymer Research, 55124
Mainz, Germany

Graphene nanoribbons (GNRs), nanometer-wide strips of graphene,
have attracted significant attention thanks to their tunable electronic
properties originating from quantum confinement. A possible way
to control these properties is through carbon substitution with het-
eroatoms, such as nitrogen. Despite a large number of theoretical
studies, there are few experiments where controlled N substitution
has been achieved. We report the on-surface synthesis on Au of
two different types of nanoribbons containing N atoms from specifi-
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cally designed heteroaromatic precursors. The chemical structures of
the resulting ribbons were characterized using scanning tunneling mi-
croscopy (STM) and non-contact atomic force microscopy (nc-AFM).
We demonstrate the high quality ribbons growth, which involves a
facile C-N bond formation at temperatures below typical C-C reac-
tions. The electronic properties were further investigated by scanning

tunneling spectroscopy (STS), which revealed unoccupied states local-
ized on N atoms that are absent in the undoped sections. These results
open new perspectives for growing and studying novel types of GNRs
with the possibility to fine-tune electronic properties by controlled het-
eroatom substitution.

O 24: Overview Talk Yang Shao-Horn

Time: Tuesday 9:30-10:15

Invited Talk O 24.1 Tue 9:30 S054
Oxygen Evolution on Rutile Ruthenium and Iridium Diox-
ides — eYanG Suao-Horn — MIT, Cambridge, MA, USA

Rutile oxides have been studied intensively for water oxidation in acidic
solutions. Unfortunately, atomic details of processes occurring at the
electrified interface and active sites are not well understood. In this
work, we combine in situ surface sensitive techniques, electrochemical
mass spectrometry and density functional theory calculations to eluci-
date oxygen evolution reaction (OER) on ruthenium and iridium diox-
ides. Using synchrotron-based ambient pressure X-ray photoelectron
spectroscopy and in situ surface diffraction on single crystal surfaces
coupled with density functional theory calculations, we show that with
increasing potential from 0.5 VRHE, adsorbed water on the coordina-

Location: S054

tively unsaturated sites (CUS) is successively deprotonated. Surface
diffraction measurements and computation reveal what steps can be
rate-limiting for OER. Such analyses are applied also to CUS sites on
other surfaces as well as different IrO2 surfaces, from which fingerprints
of surface oxygen atoms are correlated with OER activity. In order to
connect learnings from single-crystals with practical catalysts, electro-
chemical activity measurements were combined with highly sensitive
electrochemical mass spectrometry to quantify the amount of evolved
oxygen and reveal three Tafel regimes at different overpotentials, which
was rationalized by the coverage of the reaction intermediates. In sum-
mary, by employing different experimental and theoretical techniques
to model surfaces and practical catalysts, we discuss the nature of the
active sites catalyzing OER on ruthenium and iridium dioxides.

O 25: Focus Session: Atomic-Scale Characterization of Correlated Ground States in Epitaxial
2D Materials

The rapid expansion of the family of two-dimensional (2D) materials led to the observation of various
quantum phases with correlated ground states in the 2D limit, such as unconventional superconduc-
tivity, charge density waves, and novel magnetic phases. On the fundamental level, there are various
open questions regarding the mechanisms that underlie these correlated ground states, as well as the
understanding of the role of the interface and dimensionality. The epitaxial growth of 2D materials on
inert substrates under ultrahigh vacuum conditions and respective in situ investigation allows direct and
unambiguous comparison between experimental findings and first-principles calculations. Experimen-
tally, scanning tunneling microscopy methods are ideal to explore the electronic structure and magnetic
properties of emerging 2D quantum phases with ultimate real-space and energy resolution at ultra-
low temperatures. Theoretically, the use of density functional theory calculations requires atomically
well-defined unit cells to precisely predict the electronic and magnetic properties. Combining these com-
plementary approaches helps to elucidate the role of the substrate, defects, and the coupling between

quasiparticles in stacked heterostructures.

Organizers:

Cologne), and Wouter Jolie (University of Cologne)

Time: Tuesday 10:30-13:00

Topical Talk O 25.1 Tue 10:30 H2
Designer electronic states in van der Waals heterostructures
— oPETER LILJEROTH — Department of Applied Physics, Aalto Uni-
versity, PO Box 15100, 00076 Aalto, Finland

Van der Waals (vdW) heterostructures provide unique opportunities
for engineering exotic quantum states not found in naturally occur-
ring materials. I will highlight this approach by describing our re-
cent results on realizing topological superconductivity [1,2] and ar-
tificial heavy fermion systems in vdW heterostructures [3]. We use
molecular-beam epitaxy (MBE) and low-temperature scanning tun-
neling microscopy (STM) for the sample growth and characterization.
Topological superconductivity can be realized by combining ferromag-
netic CrBrs on a superconducting NbSes substrate [1,2], which brings
together the necessary ingredients for topological superconductivity
(out of plane ferromagnetism, Rashba-type spin-orbit interactions and
s-wave superconductivity). On the other hand, the building blocks of
heavy fermion systems - Kondo coupling between a lattice of localized
magnetic moments and mobile conduction electrons - can be mimicked
in a 1T-TaSs / 1H-TaS» heterostructure. These examples highlight the
versatility of vdW heterostructures in realizing quantum states that are
difficult to find and control in naturally occurring materials.
References: [1] S. Kezilebieke et al. Nature 588, 424 (2020). [2] S.
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Nadine Hauptmann (Radboud University, Nijmegen), Jeison Fischer (University of

Location: H2

Kezilebieke et al. Nano Lett. 22, 328 (2022). [3] V. Vaiio et al. Nature
599, 582 (2021).

Topical Talk O 25.2 Tue 11:00 H2
Magnetic order in a coherent Kondo lattice in the 1T/1H
TaSe2 heterostructure — WEN Wan!, Risnav Harsu!, PauL
DRrEHER!, SANDRA Sajan!, ANTONELLA MENINNOZ, IoN ERREAZ,
FERNANDO DE Juan!, and eMicueL Ucepal — Donostia Interna-
tional Physics Center (DIPC), Paseo Manuel de Lardizabal 4, 20018
San Sebastian, Spain — 2Centro de Fisica de Materiales (CSIC-UPV-
EHU), Paseo Manuel de Lardizabal 5, 20018 San Sebastian, Spain

Kondo lattice systems are of fundamental importance for our under-
standing of quantum criticality and unconventional superconductivity.
At the heart of their complexity lies the competition between the op-
posing forces of Kondo screening and magnetic interactions, which is
revealed at very low temperatures as the moments start behaving co-
herently and eventually determines the fate of the ground state. While
our understanding of Kondo lattices has traditionally relied on tech-
nically challenging strongly correlated bulk f-electron systems, new
light is being shed on the problem thanks to heterostructures of 2D
transition metal dichalcogenides, which realize a tunable Kondo lattice
platform in a simple material. Here, we study the 1T/1H-TaSe2 het-
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erostructure with high-resolution Scanning Tunneling Spectroscopy at
300 mK, and show a well resolved splitting of the Kondo peak, which
increases monotonically in a non-linear fashion in the presence of an
out-of-plane magnetic field. This behavior is unexpected for a fully
screened Kondo lattice, and it originates instead from a ground state
with residual magnetic order, consistent with a Kondo coupling much
below the critical point in the Doniach phase diagram.

O 25.3 Tue 11:30 H2
epitaxial zz-GNRs
DE H.

Topological Surface State in
oM. Gruscuwirz!, T.T.N. Nguven', N. VRiES?,
KARAKACHIAN®, J. AProJanz!, A.A. Zakaarov?, C. PoOLLEY?,

T. BarLasuBraMaNIAN?, U. Starke®, C.F.J. Frirse?, and C.

TeceENKAMP! — 1Technische Universitét Chemnitz, Chemnitz, Ger-
many — 2Eindhoven University of Technology, Eindhoven, The
Netherlands — 3Max Planck Institute for Solid State Research,

Stuttgart, Germany — *MAX IV Laboratory and Lund University,
Lund, Sweden

Protected and spin-polarized transport channels are the hallmark of
topological insulators, coming along with an intrinsic strong spin-orbit
coupling. Here we identified such corresponding chiral states in epitaxi-
ally grown zigzag graphene nanoribbons (zz-GNRs) on mesa-SiC(0001)
templates, albeit with an extremely weak spin-orbit interaction. While
the bulk of the monolayer zz-GNR is fully suspended across a SiC
facet, the lower edge merges into the SiC(0001) substrate and reveals
a surface state at the Fermi energy, which is extended along the edge
and splits in energy toward the bulk. All of the spectroscopic details
are precisely described within a tight binding model incorporating a
Haldane term and strain effects. The concomitant breaking of time-
reversal symmetry without the application of external magnetic fields
is supported by ballistic transport revealing a conduction of G = 2 /h
[1,2]. [1] J. Baringhaus et al., Nature 506, 349 (2014); [2] T.T.N.
Nguyen et al. Nano Lett. 21, 2876 (2021)

Topical Talk O 254 Tue 11:45 H2
Electron-lattice correlations and charge order in two-
dimensional materials — eTimM WEHLING — . Institute of The-
oretical Physics, Universitat Hamburg, Germany

Electronic correlation phenomena in two-dimensional (2D) materials
are often tightly linked to lattice degrees of freedom. Examples in-
clude superconductivity, periodic lattice distortions and charge den-
sity waves (CDWs), metal-insulator transitions, magnetic, *stripe,* or
excitonic order across vastly different systems ranging from transition
metal dichalcogenides to cuprate high-temperature superconductors.
Here, we will address how to disentangle and eventually control the
interplay of lattice and electronic degrees of freedom in 2D materials.
We will discuss the concept of electron-phonon fluctuation diagnostics
to identify the electronic processes behind phonon anomalies in materi-
als like TaS2 [1] and VS2 [2]. We show how the coupling of low energy
electrons and lattice degrees of freedom gives rise to anharmonicities
and reveal an ultrastrong non-linear mode-mode coupling in VS2.

[1] J. Berges et al., Phys. Rev. B 101, 155107 (2020).

[2] C. van Efferen et al., Nature Communications 12, 6837 (2021).

0O 25.5 Tue 12:15 H2
Superconductivity of ultrathin crystalline Al films —

VAN  WEERDENBURG, 1
NieLs P.E. 1. Xiaocnun Huang!, MANUEL
STEINBRECHER!, PETER KROGSTRUPZ, A.
KuaJeToorians! — lInstitute for Molecules and Materials, Rad-
Devices, Niels Bohr Institute, University of Copenhagen, 2100 Copen-
hagen, Denmark

eWERNER M.J. 1, ANaND KaAMLAPURE!,
VAN MULLEKOM",
2, and ALEXANDER
boud University Nijmegen, the Netherlands — 2Center for Quantum
While bulk Al is one of the best known BCS superconductors (SC),
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it exhibits strange SC behavior in the thin film limit, e.g. a strong
enhancement of the critical temperature T, [1]. The transition from
bulk to thin film can modulate the electronic structure and quasiparti-
cle excitations, and the interface with the substrate becomes relevant
[2]. Understanding the role of reduced dimensionality, screening and
interface effects is important for SC quantum technology.

Here, we study epitaxially grown crystalline Al films on Si(111) as
a function of film thickness. Using scanning tunneling microscopy /
spectroscopy with temperatures down to 30 mK, we show a strong
increase of both the SC gap size A and T, for coverages between 4
and 35 monolayers. Remarkably, we find that A is threefold enhanced
compared to the bulk value. We characterize the SC state of the thin
films in (vector) magnetic field and find a new vortex structure.

[1] P.W Adams et al., Phys. Rev. B 95, 094520 (2017)

[2] A. Kamlapure et al., arXiv:2109.08498 (2021)

O 25.6 Tue 12:30 H2
Realization of Pb honeycomb stuctures by intercalation of
buffer layers on SiC(0001) — eCHITRAN GHOSAL, MARKUS GR-
uscHwITZ, and CHRISTOPH TEGENKAMP — Institut fiir Physik, TU
Chemnitz

The growth of 2D honeycomb lattices of group IV-elements has at-
tracted a lot of interest during the last years. In contrast to graphene,
the 2D analogues of Si and Ge can be stabilized on metals, while
stanene and plumbene were recently prepared on compound crystals
and magnetic substrates, respectively. Here we report on the inter-
calation of Pb using buffer layers (BL) on SiC(0001), resulting in the
formation of freestanding and charge neutral graphene [1]. Depending
on the bias voltage, scanning tunneling microscopy reveals complex
Moiré structures, which are consistently explained in consideration of
two plumbene lattices. These are rotated each by £7.5° with respect
to graphene and, thus, are commensurate with the former 6v/3 x 6/3
symmetry of the BL on SiC(0001). Locally, a (2 X 2) pattern becomes
visible in STM and is expected since the lattice constant of plumbene
is twice as large as for graphene. Local spectroscopy (STS) done at
4 K reveals an electronic gap of 30 meV and is in qualitative agreement
with the band structure of low-buckeled and charge-neutral plumbene.
[1] M. Gruschwitz et al., Materials 14, 7706 (2021)

0 25.7 Tue 12:45 H2
Sn intercalation of the buffer layer/SiC(0001) interface stud-
ied by SPA-LEED and STM — eZaMmIN MaMIYEV, CHITRAN
GHosAL, and CHRISTOPH TEGENKAMP — Institut fiir Physik, Tech-
nische Universitdt Chemnitz, Chemnitz, Germany

Growth of graphene (Gr) with tailored properties and the simultane-
ous formation of an exotic 2D interface can be achieved by interca-
lation of different species below the buffer layer (BL) on SiC(0001).
In this regard, Sn is interesting because of a potential Mott ground
state imposed by the triangular lattice of Sn atoms at the interface
and protected by the Gr layer. Therefore, we studied Sn-intercalation
on BL/SiC(0001) by means of spot profile analysis low energy elec-
tron diffraction (SPA-LEED) and STM. Starting with a 61/3 x 6v/3
BL surface, we deposited monolayers of Sn at RT and annealed sub-
sequently to higher temperatures. The formation of quasi-free stand-
ing monolayer graphene (QFMLG) is confirmed by an apparent 1 x 1
periodicity. Further insights for a successful decoupling of QFMLG
were gained from inspecting the bell shape broadening of the diffrac-
tion spots, which is characteristic of weakly coupled 2D systems on
surfaces. By further optimization of the post-intercalation treatment,
a Sn-induced v/3x+v/3 reconstruction at the interface was achieved.
Moreover, detailed studies showed a simultaneous transformation of
6v/3 x 64/3 periodicity into a (\/@ X \/@)RIG.IO reconstruction with
corresponding domains. Interestingly, the new periodicities formed by
the intercalant atoms are triggered by the former symmetry of the BL
structure.
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O 26: Surface Magnetism

Time: Tuesday 10:30-12:45

O 26.1 Tue 10:30 H4
Investigation of bubble domains in Fe3GeTez by spin-
polarized scanning tunneling microscopy — eNAMRATA
Bansarl, Hunc-Hsiang Yanc!, PuiLipp RUESSMANNZ, MARKUS
HorrMaNN?, LicHuaN ZHANGZ, DoNewook Go2, AMIR-ABBAS
HacricHIRAD?, KausHiK SEN3, MarTHIEU LE Tacon®, YURly
Moxkrousov?, and WuLF WuLFHEKEL! — !Physikalisches Institut,
Karlsruhe Institute of Technology, 76131 Karlsruhe, Germany —
2Peter Gruenberg Institut (PGI-1) and Institute for Advanced Sim-
ulation (IAS-1) Forschungszentrum Juelich GmbH, D-52425 Juelich
— 3Institute for Quantum Materials and Technologies, Karlsruhe In-
stitute of Technology, 76131 Karlsruhe, Germany

We investigated the magnetic structure of the van der Waal mate-
rial, Fe3GeTey (FGT), using a home-built low temperature (0.7 K)
spin-polarized scanning tunneling microscope (SP-STM). Out-of-plane
magnetic imaging with chromium-coated tungsten tip reveals bubble
domains in FGT. When applying out-of-plane magnetic fields, the do-
main shape transitioned from elliptical to circular and collapsed at
around 0.32 T. We observed an inverse relation between the size of
the bubble domains and the magnetic fields. Benefiting from the spa-
tial resolution of the SP-STM, the domain wall widths were deter-
mined, which contains information about the exchange stiffness and
the anisotropy constant of FGT.

0O 26.2 Tue 10:45 HA4
Magnetization switching on self-assembled structure of alpha-
helix-polyalanine molecules observed by ambient STM —
eNcuvEN T. N. Hal, L. RasaBarHINAZ, O. HELwic2, A. SHARMAS,
G. Sawan3, S. Yocueris?, Y. Parrier?, and C. TEGENKAMP! —
1Solid Surface Analysis, Technische Universitit Chemnitz, Germany
— 2Functional Magnetic Materials, Technische Universitit Chemnitz,
Germany — 3Semiconductor Physics, Technische Universitit Chem-
nitz, Germany — *Department of Applied Physics, Hebrew University
of Jerusalem, Israel

Polyalanine (PA) with an alpha-helix conformation has gathered re-
cently a lot of interest as the propagation of electrons along the he-
lical backbone structure comes along with spin polarization of the
transmitted electron. The magnetization switching on self-assembly
of PA molecules on Au(111)/Co/Au/Pt/Al203 substrate by an ex-
ternal magnetic field resulting the preferentially transmitted electrons
depending on molecule’s specific handedness and the direction of mag-
netization. The transmission of the electrons through this structure
comes along with an quite high efficient spin polarization. The tip-
sample distance variation due to magnetization switching on PA films
has shown the jumping states between up and down magnetic direc-
tion, while on the bare substrate without PA film the stable tip-sample
distance was observed. This observation is further confirmed the spin
filter behavior of PA film on a magnetic substrate due to CISS effect at
nanoscale.[1]N.T.N.Ha et al, J. Phys. Chem. C,124,10,5734-5739,2020.

0O 26.3 Tue 11:00 H4
Inelastic Electron Tunneling through Nanomagnetic Struc-
tures — eDARrIA MEDVEDEVA and JINDRICH KOLORENC — Institute
of Physics (FZU), Czech Academy of Sciences

Inelastic electron tunneling spectroscopy (IETS) is a well-established
technique used for investigation of vibrational spectra and, more re-
cently, also for characterization of spin excitations in nanosystems
probed in scanning tunneling microscopes (STM). If a magnetic
molecule is attached to the STM tip, the possibilities of the probe
are expanded [1], for instance, one can observe how excitations in
the molecule are modified by exchange interactions with the magnetic
nanosystem adsorbed on a surface. We use an in-house implementa-
tion of cotunneling theory [2] to model IETS spectra of an STM tip
decorated with nickelocene molecule (having spin 1) probing magnetic
atoms with spins 3/2 and 2 subject to easy-axis anisotropy of varied
direction. Experimentally, these situations were recently realized in an
Fe adatom on Cu(100) [1] and in metal-organic chains, incorporating
Co and Cr atoms, placed on Au(111) [3]. We discuss how accurate
the theory is in reproducing the measured inelastic spectra, how the
spectra depend on the direction of the magnetic anisotropy, and how
important the appropriate alignment of the anisotropies of the probing
molecule and the other spin is for efficient spin sensing.
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Location: H4

* e-mail: medvedeva@fzu.cz, kolorenc@fzu.cz

[1] B. Verlhac et al., Science 366, 623 (2019); [2] F. Delgado and
J. Fernandez-Rossier, Phys. Rev. B 84, 045439 (2011); [3] Ch. Wéck-
erlin et al., to be submitted (2022).

0O 26.4 Tue 11:15 H4
Magnetocrystalline anisotropy in two-dimensional EuAus
and GdAus: the role of band structure — eMaria BrLaNco-
Rev!2, Roprico CAsTRILLO-BODERO3, Knapiza ALI?3, PoLINA
SHEVERDYAEVA?, ENRIQUE ORTEGA32 LAaura FERNANDEZ®, and
FreDERIK ScHILLER®2 — 1Universidad del Pais Vasco UPV/EHU,
Spain — 2Donostia International Physics Center, Spain — 3Centro de
Fisica de Materiales CSIC-UPV/EHU-MPC, Donostia-San Sebastian,
Spain — “4Instituto di Struttura della Materia ISM-CNR, Trieste, Italy

In rare earth (RE) intermetallic crystals, the magnetocrystalline
anisotropy has a single-ion contribution from the f shell, often as-
sociated with a large orbital quantum number L, and an itinerant
one, due to spin-orbit coupling effects in the band structure. As Eu
and Gd are 4f7 RE atoms, L in 2D atom-thick EuAus and GdAus
is essentially quenched. Therefore, these systems allow us to isolate
the itinerant electron contribution in this 2D compound family. X-ray
magnetic circular dichroism shows out-of-plane anisotropy in EuAus,
in contrast to in-plane in GdAuz. By means of angle-resolved photoe-
mission and density-functional theory, we explain these behaviours in
terms of the occupation of the spin-orbit-split dispersive RE(d)-Au(s)
hybrid bands, which is ultimately dictated by the RE valence state
(Eu?* and Gd31). In terms of energy, the itinerant electron contribu-
tion is &~ 1 meV per unit cell, which may eventually compete with the
single-ion contribution.

0 26.5 Tue 11:30 H4
Magnetic Domain Structures of Gd(0001)/W(110) Films
— eoParrick HAERTL, MARKUs LEISEGANG, and MaTrTHIAS BODE
— Physikalisches Institut, Experimentelle Physik II, Universitat
Wiirzburg, Am Hubland, D-97074 Wiirzburg, Germany

Rare earth metal films are known to exhibit an extremely rich magnetic
behavior. Depending on the sign of the RKKY coupling and details
of the film preparation various domain structures have been observed,
for example on Dy(0001)/W(110) films [1]. Here we report on exper-
iments on Gadolinium (Gd) films epitaxially grown on W(110). Gd
is a ferromagnetic metal with a Curie temperature of 293 K. Its half-
filled 4f shell results in an almost spherical charge distribution which
—in comparison to other rare earth metals— results in a very low mag-
netic anisotropy [2]. Our investigation on Gd(0001) films grown on
W(110) indeed show a rather rich magnetic structure in spin-polarized
STM studies. In agreement with earlier Kerr measurements [2], we
find a thickness-dependent spin reorientation transition from in-plane
at thin films to out-of-plane for films thicker than around 40 nm. The
latter form up and down magnetized stripe domains which are tilted
by +30° with respect to the W[001] direction. With increasing cover-
age their periodicity increases from (50 + 10) nm up to (120 £ 40) nm
and domain branching is observed. We will discuss the energetics of
transition of the magnetic structure.

[1] L. Berbil-Bautista et. al., Phys. Rev. B 76, 064411 (2007).

[2] A. Berger et. al., Phys. Rev. B 52, 1078 (1995).

[3] P. Hartl et. al., Phys. Rev. B 105, 174431 (2022).

0 26.6 Tue 11:45 HA4
Tuning the electron spin-polarization via tunneling through
image states — Macies Bazarnik!? and eANIKA SCHLENHOFF2
— !nstitute of Physics, Poznan University of Technology, Poland —
2Department of Physics, University of Hamburg, Germany

Image-potential states (IS) are unoccupied electronic states in front
of polarizable surfaces. Towards step edges, IS energy bands bend [1],
leading to laterally localized IS at the rim of nanoislands [2]. Our spin-
resolved scanning tunneling microscopy (SP-STM) and spectroscopy
experiments on nanomagnets reveal a spin-polarization of the IS rim
state, causing a spatial modulation of the electron spin-polarization
above uniformly magnetized nanoislands. An inversion of the electron
spin-polarization is found at specific energies. When the electrons relax
from the IS into the surface, a spin-transfer torque (STT) is excerted
on the sample [3]. We show that according to the IS-induced inversion
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of the electron spin-polarization, the STT also changes its sign. Our
findings indicate that the IS in front of the surface serves as a spin-
filter that can tailor the spin-polarization of the resonant tunneling
current. The existence of the rim state and its impact on the elec-
tron spin-polarization is expected at the step edge of any magnetic
adlayer-substrate system. Hence, nanostructuring a magnetic surface
enables tuning the local spin-polarization and thus tailoring the STT
for current-induced magnetization switching.

[1] J.-F. Ge et al., Phys. Rev. B 101, 035152 (2020)

[2] S. Stepanow et al., Phys. Rev. B 83, 115101 (2011).

[3] A. Schlenhoff et al., Phys. Rev. Lett. 109, 097602 (2012).

O 26.7 Tue 12:00 H4
Circular dichroic UV-PEEM measurements of magnetic sur-
faces: From Magnetic Domain Imaging to Magnetoplasmon-
ics — eMAXIMILIAN PaALEScHKE and WoLr WIDDRA — Martin-
Luther-Universitat Halle-Wittenberg, Halle (Saale), Germany

Over the last decades, the rapid progress in the ultrafast optical manip-
ulation of magnetic materials has opened the development of several
new methods for the investigation and control of spin and magnetiza-
tion dynamics. Here, we investigate magnetic thin films and nanos-
tructures on nanometer-femtosecond scales with a newly-designed ex-
perimental setup. We combine state-of-the-art time-resolved photoe-
mission electron microscopy (PEEM) with circular dichroism imaging
and normal incidence excitation via a tunable femtosecond fiber laser
system.

In this talk, we report on two dichroism imaging techniques, namely
magnetic circular dichroism (MCD) and the recently discovered plas-
monic dichroism. The first is used to image magnetic in-plane and out-
of-plane domains of ferromagnetic surfaces. The second was success-
fully used to image propagating surface plasmon polaritons (SPPs) on
a ferromagnetic material in threshold photoemission for the first time
[1]. With this, we show clear edge-induced SPPs with sub-micrometer
wavelength and propagation length of about 3.5 um on polycrystalline
NiggFegp microstructures. This finding extends experimental inves-
tigation of SPPs to materials with high plasma frequency and large
damping.

[1] M. Paleschke et al., New J. Phys. 23, 093006 (2021)

O 26.8 Tue 12:15 H4

Chirality-induced electron spin polarization in chiral CuO
and CoOyx catalyst surfaces — ePAUL VALERIAN MOLLERs!,
JiMENg WEI?, Supriva Guosu?, Soma SaLAMON3, MANFRED
! 2 and HeLMmuT

Bartscu!, Hreiko WEeNDE?, Davip WALDECK?Z,

ZAacHARIAS! — 1Center for Soft Nanoscience, WWU Miinster, Ger-
many — 2Department of Chemistry, University of Pittsburgh, Pitts-
burgh, USA — 3Faculty of Physics and Center for Nanointegration
Duisburg-Essen, Universitdt Duisburg-Essen, Germany

Spin-polarized catalytic surfaces can greatly enhance the selectivity
of chemical reactions, e.g., in a photoinduced water splitting process.
Here, we confirm that spin-polarized (photo)currents can be obtained
from chiral cupric oxide! (CuO) and cobalt oxide? (CoOy), and explore
the underlying mechanism. Chiral oxide thin films were deposited us-
ing a method pioneered by Switzer et al. Photoelectrons were excited
with deep-UV laser pulses and their average spin polarization (SP)
was measured. For CuO thin films, correlating the SP values with
electron energy spectra reveals that the measured SP values can be
rationalized assuming an intrinsic SP in the chiral oxide layer and a
chirality-induced spin selectivity (CISS)-related spin filtering of the
electrons. On chiral CoOx layers, the SP was found to depend on the
Co oxidation state, which allows for reversible switching of the pre-
ferred spin orientation. The results support efforts towards a rational
design of further spin-selective catalytic oxide materials.

L J. Phys. Chem. C 123, 3024 (2019) 2 J. Phys. Chem. C 124,
22610 (2020) 2 Chem. Mater. 16, 4232 (2004)

0 26.9 Tue 12:30 H4
A spin-polarized STM investigation of 3 AL Mn films on
W(001) — ePaurLa M. WEBER, JING QI, and MaTTHIAS BODE —
Physikalisches Institut, Experimentelle Physik II, Julius-Maximilians-
Universitdt Wiirzburg, Germany

Spin spirals and dead magnetic layers in the antiferromagnetic tran-
sition metal Mn on the heavy bcc(001) surface of W have recently
attracted considerable interest [1,2]. In this talk, we present a spin-
polarized STM investigation of 2-4 atomic layer (AL) thick Mn films
on W(001). For 3 AL Mn on W(001) it has been theoretically pro-
posed that this system grows pseudomorphically while exhibiting an
antiferromagnetic state [3]. Our topographic STM data confirm that
pseudomorphic growth even prevails up to a Mn film thickness of 4 AL.
Spin-resolved data were acquired with W tips which had been magne-
tized on Mn layers by in-situ treatment on Mn/W(001). This allowed
us to collect topographic and spin-resolved data on the same scanning
area. Applying this method, we identify a magnetic zig-zag 21/2 X /2
structure on 3 AL Mn and a strongly bias-dependent labyrinth overlay
structure on 4 AL. Potential spin structures will be discussed.

[1] Ferriani et al., Phys. Rev. Letters 101, 027201 (2008).

[2] Meyer et al., Phys. Rev. Research 2, 012075 (2020).

[3] Dennler et al., Phys. Rev. B 72, 214413 (2005).

O 27: Electron-Driven Processes

Time: Tuesday 10:30-11:45

O 27.1 Tue 10:30 H6
Surprisingly fast adsorbate excitation: CO/Ru(0001) probed
with X-ray absorption spectroscopy — eELias Dirsen!, HsIN-Y1
Wana?, JoHANNEsS Voss!, ALan C. Luntz!, and ANDERS NiLssoN?
— ISUNCAT Center for Interface Science and Catalysis, SLAC
National Accelerator Laboratory, Menlo Park, California, USA —
2Stockholm University, Sweden

Energy transfer between substrate excitations and adsorbate motion
plays an essential role in determining chemical reactivity and selectiv-
ity on surfaces. Femtosecond pump-probe experiments, using an X-ray
probe pulse from a free electron laser, give unique insights into such
processes due to the short pulse duration and species-selective prob-
ing. We measure the time evolution of the C K-edge X-ray absorption
spectrum from CO/Ru(0001) after excitation by a femtosecond high-
intensity optical laser pulse, and use detailed spectrum simulations to
distinguish excitations of different modes [1]. We find high excitation
of the CO internal stretch and frustrated rotation modes within 200 fs
of laser excitation - one order of magnitude faster than theoretical pre-
dictions. Consequences for our understanding of ultrafast adsorbate
excitation will be discussed.
[1] Diesen et al., Phys. Rev. Lett. 127, 016802 (2021)

0 272 Tue 10:45 H6

Are vacancies in field ion microscopy artefacts? A DFT
study — eSuvam KaTNnacALLU, JORG NUEGEBAUER, and CHRISTOPH

46

Location: H6

FreEYsoLDT — Department of computational materials design, Max
Planck Institut fiir Eisenforschung GmbH, Max-Planck- Str. 1, 40237,
Diisseldorf, Germany.

Resolving the atomic structure of engineering materials in 3D con-
tinues to be an extensive research field. Field ion microscopy under
evaporating conditions (3D-FIM) is one of the few techniques capable
of delivering such atomic-scale information, allowing to even image va-
cancies and their interactions with solute atoms in alloys. However,
the quantification of the observed vacancies and their origins are still
a matter of debate. It was suggested that high electric fields (1-10
V/A) used in FIM could introduce artefact vacancies. To investigate
the possibility of this mechanism, we used density functional theory
(DFT) simulations. Stepped Ni surfaces with kinks were modelled in
the repeated slab approach with a (971) surface orientation. A field of
up to 4 V/A was introduced on one side of the slab using the general-
ized dipole correction. Contrary to conventional wisdom, we show that
the reaction barrier to form vacancies on the electrified metal surface
increases compared to the field-free case. We also find that the elec-
tric field can introduce kinetic barriers to a potential ”vacancy-killing”
mechanism. We compare these findings with field evaporation models
proposed in the literature.

0 27.3 Tue 11:00 H6

Modeling electron beam damage in Gold nanoparticles and
MoS2 — eCuauHTEMOC NUNEZ VALENCIAl, MATTHEW HELMI LETH
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1 2

LarseN!, WiLLiam B. LomHoLpT?, PEI LIu2, DANIEL KELLYZ,
Tuaomas W. Hansen?, and Jakos Scuigrz! — !DTU Physics,
Technical University of Denmark, Kgs. Lyngby, Denmark — 2DTU
Nanolab, Technical University of Denmark, Kgs. Lyngby, Denmark

Beam damage in High-Resolution Transmission Electron Microscopy
(HRTEM) is poorly understood theoretically, and not yet well de-
scribed phenomenologically. The interaction between the specimen
and the electron beam changes significantly depending on the mate-
rial: semiconductors (like MoS2) and metals (like Gold) have different
lifetime excitations and beam damage can be triggered in different
mechanism.

In this study, we investigate the beam damage in MoS2 and Gold
nanoparticles simulating the macroscopic timescale with a Kinetic
Monte Carlo like algorithm, using different approaches: long Molec-
ular Dynamics (MD) simulations for Gold and statistical model using
different threshold energy (T D) values for MoS2 considering the ther-
mal vibrations.

The second approach for modeling the beam damage in MoS2 was
through ab Initio Molecular dynamics the calculation of the thresh-
old energies for the different scenarios. Where a Kinetic Monte Carlo
simulation was implemented for study the dynamics of the defect pro-
duction and the beam damage for MoS2.Also, we studied the effect in
the T D when we remove or add electrons to the MoS2.

O 27.4 Tue 11:15 H6
Electron-driven mobility of the hydrogen-bonded ammonia
clusters — ®PRASHANT SRIVASTAVAL, DANIEL MILLERZ, and KARINA
MORGENSTERN? — Chair of physical chemsitry-I, Ruhr University
Bochum, Germany — Z2Department of Chemistry, Hofstra Univer-
sity, 106 Berliner Hall, Hempstead, New York 11549, United States
— 3Chair of physical chemsitry-I, Ruhr University Bochum, Germany

Electron-driven processes in polar solvents are of great interest to

study, e.g., electron solvation in ammonia plays a vital role in ozone
layer depletion. We study the impact of electrons on the ammonia

clusters adsorbed on a copper surface using a combination of low-
temperature scanning tunneling microscopy, femtosecond laser pulses,
and ab-initio calculations. Photo-injected electrons from the copper
surface lead to diffusion or desorption of the second layer of the clus-
ters. Upward mass transport (UMT) and downward mass transport
(DMT) also play an important role in modifying the hydrogen-bonded
network of these clusters. Theoretical calculations confirm electron sol-
vation into the second layer. We present a molecular-scale insight into
the interactions of photo-injected electrons with the ammonia clusters
in the second layer. Our results show that this interaction can modify
an ammonia cluster and enhance its mobility.

0 27.5 Tue 11:30 H6
Distribution of Charge and Lattice Defects via Ma-
chine Learning. — VIkTorR BirscHITzKY!, MICHAEL Prezzi!,
Marco Corrias!, LoreENzo Papal, Icor SokoLovic?, ALEXANDER
GoRFER!, MARTIN SETVIN?3, MicHAEL ScuMip?, ULRIKE DIEBOLDZ,
CEsARE FrancuiNi 4, and eMicHELE RETIccIoLI! — !University of
Vienna (Austria) — 2Institute of Applied Physics, TU Wien (Aus-
tria) — 3Charles University, Prague (Czech Republic) — 4 University

of Bologna (Italy)

Lattice defects and localized charge on oxide surfaces impact the prop-
erties of the material to a different degree depending on their spa-
tial distribution. However, the high number of possible defect con-
figurations poses practical challenges to first-principles studies. Here,
we propose a machine-learning-accelerated approach to explore in the
framework of density functional theory the spatial configurations of
charge and lattice point defects. We apply this approach to analyze
the distribution of surface oxygen vacancies on rutile TiO2(110). The
attractive interaction with small polarons (electrons localized on the
Ti atoms) are revealed to weaken the repulsion between oxygen vacan-
cies, favoring particular arrangements of the vacancies. The resulting
distribution can be compared with the patterns identified by computer
vision algorithms on scanning-probe microscopy images.

O 28: Organic Molecules at Surfaces 3: Theory

Time: Tuesday 10:30-12:45

O 28.1 Tue 10:30 S051
Switchable interfaces based on bistable molecules: tetra-
chloropyrazine on Pt(111) — eLuxkas HORMANN, ANDREAS
JEINDL, and OLIVER T. HorFrmMANN — Institute of Solid State Physics,
NAWI Graz, Graz University of Technology, Petersgasse 16, 8010 Graz,
Austria

Organic/inorganic interfaces govern the properties of many organic
electronic devices. To imbue devices with additional functionality, it
would be useful to make these interface properties reversibly switch-
able by means of easily accessible external parameters, such as the
temperature.

In this work, we realize such a switchable interface with tetra-
chloropyrazine (TCP) on Pt(111). TCP can either chemisorb or ph-
ysisorb on the Pt(111) surface, forming a double-well potential with
strongly differing adsorption geometries. These allow forming diverse
interface structures with notably different work functions and coherent
fractions (obtained by X-ray standing wave measurements).

We model this switchable interface using a machine learning algo-
rithm, based on Gaussian process regression. This facilitates structure
search for commensurate as well as higher-order commensurate adlay-
ers. We find three different classes of interface structures with varying
work functions and coherent fractions and demonstrate that external
stimuli, such as temperature and pressure, allow to reversibly shift be-
tween these different classes. Based on our insights, we discuss how
systems need to be constructed so that the switch between different
states leads to an even larger change in their properties.

O 28.2 Tue 10:45 S051
Substrate enhanced Jahn-Teller effect in single molecule
junctions — eMoRiTZ FRANKERL', LAERTE PATERAZ3, THOMAS
FRrEDERIKSEN?, JascHa REpP3, and ANDREA DonaRINI! — !Institute
for Theoretical Physics, University of Regensburg — 2Catalysis Re-
search Center, Technical University of Munich — 3Institute of Exper-
imental and Applied Physics, University of Regensburg — 4Donostia
International Physics Center (DIPC), Spain
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The stabilization of several charge states of single molecules de-
posited on non-conductive NaCl films [1] allows to map out the elec-
tronic transition between different charge states by means of single-
electron alternate-charging scanning tunneling microscopy [2].Copper-
phthalocyanine (CuPc) revealed a Jahn-Teller splitting (JTS) of its
doubly degenerate LUMOs upon charging and, more surprisingly,
the occupation of the same LUMO for both electrons upon double
charging. We show by DFT calculations complemented by a group-
theoretical analysis how the JTS for CuPc in gas phase is not sufficient
to explain this behavior. We propose, instead, a cooperation between
molecule and substrate deformation which enhances the strength of
the JT coupling. The result is based on a microscopic model of the
electron-phonon coupling between the molecule and the underlying
thick layer of NaCl. The magnitude of the obtained substrate-induced
JTS highlights the impact of the substrate on the electronic configura-
tion of charged molecules, far beyond the mere charge stabilization. [1]
Fatayer S. et al., Nature Nanotechnology 13, 376-380(2018) [2] Patera
L.L. et al., Nature 566, 245-248(2019)

0O 28.3 Tue 11:00 S051
Impact of electron-phonon interaction on metal-organic inter-
face states — eLukas EscuMANN, JAN NEUENDORF, and MICHAEL
RonLFING — Institut fiir Festkorpertheorie, Westfialische Wilhelms-
Universitdt Miinster, 48149 Miinster, Germany

We discuss electron phonon interaction (EPI) in the context of metal-
organic adsorbate systems and the occurring nearly-free electron-like
interface states (IS) whose energy F is strongly coupled to the vertical
binding distance d with a coupling strength of A = AE/Ad that is in
the order of 16V /A for several adsorbate systems.

We present an EPI model that is based on ab-initio data and uses the
nearly-free electron-like character of the IS to obtain an analytic ex-
pression for the temperature induced renormalization of the latter!2.
We find that the energy shift is dominated by the coupling to the out-
of-plane phonon modes that change the average binding distance and
scales quadratically with the coupling strength, i.e., ~ A2. Applied to
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the system of a NTCDA layer adsorbed on Ag(111), our model predicts
a renormalization of the IS onset energy through quantum mechani-
cal coupling with the adsorbate phonons by —10 meV per 100 K. With
this, we are able to explain the discrepancy between a classical lifting-
effect and the experiment, thus revealing the important impact of EPI
on spectroscopic states at metal-organic internal interfaces.

!Eschmann, et al., Phys.Rev.B 104, 1.241102 (2021).

2Eschmann, et al., Phys.Rev.B 104, 245403 (2021).

O 28.4 Tue 11:15 S051
X-ray spectroscopic fingerprints of chemical bonding at
molecule-metal interfaces revealed by first-principles core-
level simulation — eSamueL J. HarL!, BenepikT P. KrLeinD?2,
and REINHARD J. MAURER! — !Department of Chemistry, Univer-
sity of Warwick, Coventry, UK — 2Diamond Light Source, Harwell
Science and Innovation Campus, Didcot, UK

Characterisation of the chemical environment and electronic structure
of organic materials and metal-organic interfaces can be carried out
with x-ray photoelectron spectroscopy (XPS) and near-edge x-ray ab-
sorption fine structure (NEXAFS) spectroscopy. The adsorption of
molecules onto surfaces has been shown to change various spectral
features which have previously been connected to changes in chem-
ical bonding and charge distribution. However, these can be diffi-
cult to interpret due to overlapping features of multiple species and
widely broadened spectra. Through the use of density functional the-
ory (DFT) calculations we study two molecular isomers, azulene and
naphthalene, adsorbed onto three metal (111) surfaces of silver, cop-
per, and platinum. Categorised into three regimes of molecule-metal
chemical bonding, we connect the changes seen in the spectra to the
chemical bonding behaviour and decompose the signatures into initial
core-state and final valence-state contributions. We analyse the effect
of charge transfer, electronic hybridisation and dispersion effects, and
aim to provide guidance for experimental spectral analysis.

O 28.5 Tue 11:30 S051
The sensitivity of NMR chemical shifts to organic/inorganic
interfaces eViviaNa Piccoinnt!, EmmanouiL  VEROUTISZ,
KARsTEN REUTER!, JosEF GRANWEHR?, and CHRISTOPH SCHEURER!
— 1Fritz Haber Institute of the Max Planck Society, Berlin —

2Forschungzentrum Jiilich, IEK-9, Jiilich

Composite polymer/ceramic solid electrolytes are promising materials
for Li-ion batteries due to their high stability and safety. Yet, their or-
ganic/inorganic interface is believed to hinder the ionic conduction.
NMR experiments on a poly(ethylene oxide)/Lii.5Alp.5Ti1.5(PO4)s
electrolyte have shown that Li ions cross the interface on a timescale
of seconds. To remedy the problem, mechanistic insights are required,
but even the polymer/ceramic interface structure is unknown.

We therefore investigate representative potential binding situations
between the two materials by computing the NMR shielding tensors,
in order to verify whether there is a significant change in the chemical
shifts depending on the interface structure. Due to the high compu-
tational cost, a simplified model exhibiting the same local chemical
interactions is constructed, composed by an AIPO4 slab and ethane-
1,2-diol. NMR measurements on an AIPO4/methanol system have also
been carried out.

While the computed NMR properties are sensitive to changes in the
interface structure, experiments reveal no chemical shifts variations in
the 1H NMR methanol/AIPOy spectra relative to neat methanol. This
can be ascribed to the presence of surface water in AIPO4, which would
leave no available binding sites for methanol/AIPOy4 interactions.

O 28.6 Tue 11:45 S051
Classifying Chiral Structure by a Convolutional Neural Net-
work — ePEErR KasTEN!, MaNDY STRITZKEZ, JOHANNES TIM
SEIFERT!, BJORN MOLLER3, TiMo pE WoLFF2, TiM FINGSCHEIDTS,
and Uta ScHLIcKUM! — Institut fiir Angewandte Physik, Technische
Universitit Braunschweig — 2Institut fiir Analysis und Algebra, Tech-
nische Universitit Braunschweig — 3Institut fiir Nachrichtentechnik,

Technische Universitiat Braunschweig

Scanning tunneling microscopy (STM) is an important tool to im-
age surfaces at atomic scale. To examine structures of molecules in
STM images can be a difficult and time-consuming task. We present
a method to recognize chirality within experimentally observed self-
assembled molecular structures using the convolutional neural network
(CNN) based object detection framework Faster R-CNN. Thereby we
can classify unit cells in the image towards one of both chiral struc-
tures.
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To train the neural network, a sufficient amount of correctly la-
beled images is necessary. To obtain such data and labels, we utilize
a method to create realistic-looking, synthetic STM images in varying
zoom-sizes containing lifelike properties such as noise and step edges
along with corresponding labels.

Using this synthetic data, we trained a model capable of classifying
synthetic images at sizes ranging from 8 nm to 100 nm with high per-
formance. Evaluations of the CNN’s predictions for real images show
that this network trained on synthetic data can generalize towards
inference on real images.

O 28.7 Tue 12:00 S051
Energy landscaping with external electric fields: Selective
stabilization of interface polymorphs — JoHanNEs CARTUS, AN-
DREAS JEINDL, e ANNA WERKoOVITS, and OLIVER HOFMANN — Graz
University of Technology, Graz, Austria

The polymorphs that inorganic/organic interfaces assume can have
drastic consequences for the interface properties (such as, e.g., the
work function). It is, therefore, of great relevance for applications in
organic electronics to achieve precise control of the interface polymor-
phism. The stability of the respective polymorphs is determined by
deposition conditions (e.g., temperature and pressure). In this contri-
bution we investigate electric fields as an additional handle for better
control over the polymorphism, thus selectively stabilizing polymorphs
at conditions where they were previously inaccessible.

Using density functional theory calculations augmented by a smart-
data machine learning approach (SAMPLE) we demonstrate how elec-
tric fields can be used to foster desired or even previously unseen
polymorphs. Tetracyanoethylene (TCNE) on Cu(111) is an ideal test
system because its work function can change by more than 3 eV for
different polymorphs.

0O 28.8 Tue 12:15 S051
Interlayer orbital overlap governing thin-film geometry: the
role of interfacial charge transfer — eFaBio CALCINELLI, AN-
DREAS JEINDL, Lukas HOrMANN, and OLIVER HOFMANN — Institute
of Solid State Physics, NAWI Graz, Graz University of Technology,
Petersgasse 16, 8010 Graz, Austria

Organic thin films exhibit a large structural variability, and the sub-
strate on which they grow has a relevant influence on their polymor-
phism. Predicting which structure a thin film will assume on a sub-
strate is impossible through traditional first-principle modeling alone,
because of the combinatorial explosion in the number of possible poly-
morphs. However, recent developments in machine-learning assisted
structure search have made structure-to-property investigations acces-
sible. Employing smart-data machine learning, we demonstrate the
impact that different substrates can have on the geometry of the first
two layers of a thin film. We identify the energetically most favourable
geometries for benzoquinone on silver and on graphene, and compare
their electronic properties. While the polymorphs formed in the first
layer of benzoquinone are very similar, for the second layer we find two
significantly different structures. We explain this difference as an effect
of the interplay between different charge transfer on the two substrates,
and different interlayer orbital overlap for the two structures. Further-
more, we investigate the systematic impact of interlayer orbital overlap
in defining the most stable polymorphs for different charge transfers.

0 28.9 Tue 12:30 S051
Polymorph trapping by optimized deposition conditions:
A first-principles prediction for TCNE/Cu(111) — eANNA
WERKOVITS, ANDREAS JEINDL, Lukas HORMANN, JOHANNES J. CAR-
TUs, and OLIVER T. HormMANN — Institute of Solid State Physics,
NAWI Graz, Graz University of Technology, Petersgasse 16, 8010 Graz,
Austria

Physical properties of small-molecule organic semiconductors are
strongly determined by their polymorphs. Depending on the orien-
tation in which molecules adsorb on the substrate, properties can sig-
nificantly vary, as is the case, e.g. for tetracyanoethylene (TCNE) on
Cu(111).

We propose conditions under which TCNE remains in the energet-
ically less favorable lying position also for higher coverages. This re-
quires fulfilling two prerequisites: To enable ordered growth, the tem-
perature must be high enough to allow for sufficient diffusion of lying
molecules, whereas the temperature must be low enough to inhibit the
reorientation to the upright-standing position.

In this work, we utilize the nudged elastic band method and den-
sity functional theory to compute energy barriers. By means of the
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harmonic transition state theory temperature-dependent diffusion and
reorientation rates are obtained for predicting a temperature range

where the kinetic stabilization is attained.

O 29: Metal substrates 1

Time: Tuesday 10:30-12:15

0 29.1 Tue 10:30 S052
Controlling the translation of a single molecule — eGraNT J.
Simpson!, Mats PErsson?, and LEoNHARD GRILL' — !University
of Graz, Graz, Austria — 2University of Liverpool, Liverpool, UK

Controlling both of the orientation and the direction of translation of a
single molecule is crucial to the understanding of molecular machines
[1,2]. In addition, overcoming microscopic reversibility and realising
unidirectional motion is a major criterion if a molecular machine is to
do any meaningful work. Here, we report how single molecules can be
translated in a directional manner over a metallic surface using voltage
pulses from the tip of a scanning tunnelling microscope. Directionality
of motion is possible due to translations occurring via an asymmetri-
cally accessible intermediate state. The reaction pathway is discussed
as well as how this molecular motion can be coupled to the motion of
surface adsorbates.

[1] G. J. Simpson, V. Garcia-Lépez, A. D. Boese, J. Tour, L. Grill,
Nat. Commun., 10, 4631 (2019) [2] G. J. Simpson, V. Garcia-Lopez,
P. Petermeier, L. Grill, J. Tour, Nat. Nanotechnol., 12, 604 (2017)

0O 29.2 Tue 10:45 S052
On-Surface Formation of Cyano-Vinylene Linked Chains
by Knoevenagel Condensation — eKwan Ho Au-YErung!,
Tmv Konne!, DiMitry A. RynDYk®?, GIANAURELIO CUNIBERTIS,
Tuaomas HeNe?, Xiniane FEne?, and FrRaNCcEScA Morescol —
LCenter for Advancing Electronics Dresden (cfaed), TU Dresden, 01062
Dresden (Germany) — 2Institute of Molecular Functional Materials,
Faculty of Chemistry and Food Chemistry, TU Dresden, 01062 Dres-
den (Germany) — 2Institute for Materials Science, TU Dresden, 01062
Dresden (Germany) — “Theoretical Chemistry, TU Dresden, 01062
Dresden (Germany)

The incorporation of C=C bonds into conjugated nanostructures with
additional functional groups (e.g. nitrogen substitution) has attracted
extensive attention in recent years due to their intriguing electronic
properties. However, the activation modes inside the toolbox of on-
surface synthesis are still limited. We present the novel on-surface for-
mation of CN-substituted phenylene vinylene chains on the Au(111)
surface, thermally induced by annealing the substrate stepwise at tem-
peratures between 220°C and 240°C. The reaction is investigated by
scanning tunneling microscopy (STM) and density functional theory
(DFT). Supported by the calculated reaction pathway, we assign the
observed chain formation to a Knoevenagel condensation between an
aldehyde and a methylene nitrile substituent.

0 29.3 Tue 11:00 S052
Self-assembly and on-surface Ullmann-type polymerisation
of a DPP-based molecular wire on Au(111). — eMICHAEL
CLARKE', ABIGAIL BELLAMY-CARTER?, FERDINANDO MALAGRECA?,
Davip B. AmaBbiLino?, and ALEXANDER SaywerLr! — 1School of
Physics & Astronomy, University of Nottingham, NG7 2RD — 2School
of Liberal Arts and Natural Sciences, University of Birmingham, Edg-
baston, Birmingham, B15 2TT — 3School of Chemistry, University of
Nottingham, NG7 2RD — 4ICMAB-CSIC, Campus de la UAB 08193
Bellaterra Barcelona, Spain

Diketopyrrolopyrrole (DPP) is a chemical moiety which may act as
an electron acceptor within organic electronic-devices and exhibits
a high charge carrier mobility. [1] Charge transport within such
systems is affected by the local arrangement, and orientation, of
molecules/domains; hence controlled formation of ordered structures
is of interest. Self-assembly of functionalised DPP species is a route to-
wards ordered structures [2], and on-surface protocols allow monomer
units to be covalently coupled under appropriate reaction conditions
(e.g. Ullmann-type reactions [3]). Here we study an alkyl chain func-
tionalised DPP unit possessing aryl-hide groups to facilitate on-surface
covalent coupling. The self-assembled structure of the monomer units
is characterised and ordered polymers, formed via thermal treatment,
are investigated using Scanning Tunnelling Microscopy (STM). [1] Y.
Li et.al, Energy Environ. Sci., 2013, 6, 1684. Y. Zang et.al, J. Am.
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Chem. Soc., 2018, 140, 13167. [2] A. Honda et.al , Bull. Chem. Soc.
Jpn., 2015, 88, 969.[3] L. Grill & S. Hecht, Nat. Chem., 2020, 12, 115.

0294 Tue 11:15 S052
Quantifying the diffusion of porphyrins on Au(111l): A
temperature-dependant STM study — eMATTHEW EDMONDSON
and ALEX SAYWELL — School of Physics & Astronomy, University of
Nottingham, Nottingham, UK

The diffusion of surface-confined molecules is a fundamental step
within the formation of self-assembled structures and on-surface reac-
tions. Scanning probe microscopies provide a route to characterising
the diffusion pathways of these molecules, and allow a quantitative
analysis of energetic barriers via Arrhenius-type rate analysis.(1) In
particular, SPM allows the relationship between atomic-scale surface
structures and molecular diffusion to be explored; a potential method
for influencing on-surface reactivity.(2)

The Au(111) surface, frequently used as a substrate for on-surface
coupling reactions (3), exhibits the well-known “herringbone’ recon-
struction which may influence the diffusion of molecule species. In this
work, we report on the diffusion of individual 2H-TPP on the Au(111)
surface; characterising the diffusion rate via variable-temperature scan-
ning tunnelling microscopy within specific regions of the reconstructed
surface. The energy barrier to diffusion (obtained via Arrhenius anal-
ysis) was found to differ between the FCC and HCP regions of the
herringbone reconstruction, indicating that local geometric/electronic
surface-features play a role in on-surface diffusion.

1. H. Marbach, H.-P. Steinriick, Chem. Commun. 50, 9034 (2014).

2. S. Clair, D. G. de Oteyza, Chem. Rev. 119, 4717 (2019).

3. L. Grill et al., Nat. Nanotechnol. 2, 687 (2007).

0 29.5 Tue 11:30 S052
LT-STM induced reversible chiral switching of thiophene-
based molecule on Au(111) — eSucHETANA SARKARDZ, Kwan Ho
Au-YrungH?2, Tim KuenNel?2, DymiTry A. RyNDYK?3, ALBRECHT
WaenTic! 4, XinLiang FEnc!#, and FranceEsca Morescol? —
LCenter for Advancing Electronics Dresden, TU Dresden, 01062 Dres-
den, Germany — 2Institute for Materials Science, TU Dresden, 01062
Dresden, Germany — 3Theoretical Chemistry, TU Dresden, 01062
Dresden, Germany — “Chair of Molecular Functional Materials and
Faculty of Chemistry & Food Chemistry, TU Dresden, 01062 Dresden,
Germany

In the ongoing quest for miniaturization of machines, single molecule
machinery holds a plethora of possibilities. Advancements in nanoscale
imaging techniques, such as Scanning Tunneling Microscopy and Spec-
troscopy(STM, STS), allows not only the addressing of single molecules
individually but through tunneling electrons/electric field stimulation
with an STM tip, one can experimentally study fundamental proper-
ties of molecules such as pi-conjugation and charge transfer to a sur-
face, and the effect it has on the switching behavior. We present the
design and synthesis of a nanoswitch which exhibits a reversible switch-
ing from achiral to chiral mode on Au(111). The electronic states of
both conformations have been measured with a high degree of spatial
resolution, thereby showing the pathways of the electron-induced iso-
merization. Furthermore, we demonstrate this effect being suppressed
on Ag(111).

0 29.6 Tue 11:45 S052

Enravelling effects of dispersion interactions in enantiose-

lective adsorption — eRayMOND AMADOR!2, SAMUEL SToLz3,
NesTor MERINO-DIiEz!, OLIVER GROENING!, RoLaND WIDMER!,
and DANIELE PasseronNe!'? — !Empa - Diibendorf, Diibendorf,

Switzerland — 2ETH Ziirich, Ziirich, Switzerland — 3Department of
Physics, UC Berkeley, United States

van der Waals (vdW) interactions play a central role in a wide variety of
systems. They are responsible for many natural processes, and thus,
an accurate description of vdW forces is essential for improving our
understanding physical phenomena. In this talk, we present our find-
ings on the role of non-local vdW interactions in the enantioselective
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adsorption and debromination of the 10,10-dibromo-9,9-bianthracene
(DBBA) and 9-Phenanthracenylboronic acid (9PBA) molecules, as
catalyzed by chiral surfaces of the palladium-gallium (PdGa) inter-
metallic compound. After a brief recapitulation on the framework of
density-functional theory (DFT), we discuss its principle shortcom-
ings within the context of many-body perturbation theory, and how
our current calculations address and rectify these faults via higher-
order treatments of the exchange integrals. We then present several
figures of interest: adsorption configurations before and after geometry
optimizations and charge localization plots of adsorption, and explore
effects of both vdW interactions and the nonlocal exchange term via
inclusion of hybrid functionals. In doing so, we provide the foundations
for further study of non-local electronic correlation in chirality.

0 29.7 Tue 12:00 S052
The role of Adatoms for the Adsorption of FATCNQ on
Au(111) — eRICHARD BERGER, ANDREAS JEINDL, Lukas HORr-

MANN, and OLIVER HOoFMANN — TU Graz Institut fir Festkorper-
physik, Graz, Osterreich

Molecular adsorption on inorganic substrates often includes the incor-
poration of native adatoms within the adsorbate layer. The presence of
the adatom in the adlayer causes significant changes in the electronic
structure of the interface affecting properties such as the adsorption
geometry, the bonding type, and the work function. Here we investi-
gate the adsorption of FATCNQ on Au (111), which is a prototypical
system for the adsorption of an acceptor type molecule on a metallic
substrate. Using density functional theory, we show that incorporat-
ing adatoms significantly changes the interface charge transfer and
modifies the Fermi-level pinning mechanism for the adsorbed species.
Furthermore, we find that the 5d orbitals of the Au adatom hybridize
with the FATCNQ molecular orbitals, introducing covalent coupling
within the adlayer. The combination of this effect explains why the in-
corporation of adatoms, despite the high cost of extracting them from
the bulk, is energetically favorable.

O 30: Semiconductor Surfaces

Time: Tuesday 10:30-12:45

Topical Talk O 30.1 Tue 10:30 S053
Surface Phase Transitions in Atomistic Detail and with Fem-
tosecond Resolution — eWoLrF GERO ScHMIDT — Universitat
Paderborn

Ab initio molecular dynamics on ground and excited-state potential
energy surfaces may be used to gain deep insight in the driving forces
and mechanisms of surface phase transitions and can greatly assist the
interpretation of experimental data. This is illustrated in my talk using
two prominent examples: (i) Photoholes localized at the Brillouin zone
boundary of the In/Si(111)(8x2) surface are shown to drive an ultra-
fast (8x2) —» (4x1) phase change that is accompanied by an insulator-
metal transition [1,2]. (ii) Thermal excitation of the Au/Si(553)(1x6)
surface leads to soft Au chain vibrations that reduce transiently the
Au electron affinity, which lowers the barrier for a sp? +p — sp® hy-
bridization change of Si step edge atoms. This leads eventually to an
order-disorder phase transition and the formation of a two-dimensional
spin liquid [3].

[1] T Frigge et al., Nature 544, 207 (2017).

[2] CW Nicholson et al., Science 362, 821 (2018).

[3] C Braun et al., PRL 124, 146802 (2020).

0 30.2 Tue 11:00 S053
Dimer coupling energies of the Si(001) surface examined by
SPA-LEED — eCHRISTIAN BRAND, GIRIRAJ JNAWALI, JONAS FORT-
MANN, MoHAMMAD TAJIK, ALFRED HucHT, PETER KRATZER, HAMID
MEHDIPOUR, BJORN SoTHMANN, and MI1cHAEL HorN-voN HOEGEN
— Department of Physics and Center for Nanointegration CENIDE,
University of Duisburg-Essen, Lotharstrafe 1, 47057 Duisburg

Though the surface of Si(001) belongs to the most famous in the world
still some of its properties and phenomena are unrevealed. Si(001) ex-
hibits buckled dimers in the topmost layer, arranged in dimer rows, and
thus forming a (2 x 1) reconstruction at room temperature. Upon cool-
ing the structure undergoes an disorder-order transition to the ¢(4 x 2)
reconstructed ground state. High-resolution SPA-LEED (Spot Profile
Analyzing - Low Energy Electron Diffraction) was used to quantify the
structural change along the transition upon heating from low to high
temperatures. Rapid cooling in the regime of critical slowing down
formed a so-called domain structure with typical size of ~ 14 nm. The
data is analyzed in the framework of the anisotropic 2D Ising model
and complemented by density functional theory calculations. We de-
termined a phase transition temperature of 7. = 190.6 K, critical
exponents 3, v, and v of the Ising model and the coupling constants
J = (=24.9£1.3) meV and J; = (—0.840.1) meV of the Si dimers by
solving Onsager’s equation and evaluating the correlation length ratio
of the two directions.

O 30.3 Tue 11:15 S053
Reduced contact resistance to gallium nitride by plasma-
assisted atomic layer deposition — eMAXIMILIAN CHRISTIS —
Walter Schottky Institut, Technische Universitat Miinchen

Gallium nitride is an industrially relevant III-V semiconductor that
draws significant attention for a range of both established and emerg-
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ing applications, including for light emitting diodes, power electronics,
photocatalysis, and sensing. Established contacting schemes for GaN
rely on wet-chemical surface preparations and post-metallization high-
temperature (> 600°C) annealing processes, which complicate fabrica-
tion and may adversely affect device performance. Here, we present a
low-temperature gas-phase process ( 200 °C) that reduces the Schot-
tky barrier height and the contact resistivity at the GaN/metal in-
terface. In particular, we employ H2 plasma-enhanced atomic layer
deposition (ALD) that creates an ultimately thin, homogeneous AlOx
monolayer using oxygen from the native gallium oxide as oxidant. This
AlOx coating reduces the surface band bending and results in Ohmic
current-voltage characteristics for n-doped GaN contacted by Ti metal.
In ongoing work, we are also exploring how the monolayer AlOx ALD
approach can be applied to improve contacts to p-doped GaN in combi-
nation with high work function metals. Among the various applications
that could benefit from this low thermal budget contact fabrication
strategy, we are investigating how such metal/semiconductor struc-
tures impact the electrocatalytic performance of n-GaN/Pt cathodes
for water splitting.

O 30.4 Tue 11:30 S053
Distance dependance and lateral change of electrostatic
forces between Pb-islands and wetting layer on Pb/Si(111)-
(7x7) — BEN LOTTENBURGER, ePAUL PHILIP ScHMIDT, DANIEL
RoTHHARDT, MANUEL SCHULZE, and REGINA HOFFMANN-VOGEL —
Universitdt Potsdam, Institut fiir Physik und Astronomie, Experi-
mentelle Physik kondensierter Materie

Pb islands on silicon show a wide range of interesting properties, such
as explosive island growth [1,2]. Previous work has already been able
to explain some features, such as the unusual height distribution of
the islands[3,4]. To understand this system in more detail, we have
investigated the differences in the electrostatic interaction between the
tip and the Pb islands on one side and the Pb-containing wetting layer
on the other side. We have used scanning force microscopy in the non-
contact frequency modulation mode and bias distance measurements in
ultrahigh vacuum at “120K. The Si has been cleaned by direct current
heating. Subsequently, Pb has been vapor deposited. The Frequency
shift as a function of tip-sample distance has been measured on both
Pb islands and the wetting layer. The differences in force and work
function between have been investigated both. [1] Hershberger et al,
PRL 113, 236101 (2014). [2] Huang et al, PRL 108, 026101 (2012).
[3] Hupalo et al, PRB 65, 115406 (2001). [4] Spéth et al, PRL 124,
016101 (2020)

0O 30.5 Tue 11:45 S053
Growth of well-ordered K3C60 thin films on Bi2Se3 —
eMicHAEL HERB and IsABELLA GIERZ — Department of Physics, Uni-
versity of Regensburg, 93040 Regensburg, Germany

The molecular solid K3C60 is a BCS-type superconductor with a criti-
cal temperature of 20K [1]. More intriguingly, K3C60 powder exposed
to strong mid-infrared driving fields exhibits the optical properties of
a transient superconductor [2] possibly up to room temperature [3]
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and with nanosecond lifetimes [4]. The microscopic mechanism be-
hind these observations remains poorly understood. We want to shed
light onto this issue by measuring the transient band structure of driven
K3C60 using time- and angle-resolved photoemission spectroscopy (tr-
ARPES). These experiments cannot be performed on the originally
used K3C60 powder as they require large, well-ordered K3C60 single
crystals. Therefore, we investigate the growth of K3C60 thin films on
different substrates using low-energy electron diffraction (LEED) and
ultraviolet photoemission spectroscopy (UPS). We provide evidence for
well-ordered growth on Bi2Se3, enabling future tr-ARPES studies on
the material.

O 30.6 Tue 12:00 S053
Structure and origin of antiphase domains and related de-
fects in thin GaP epilayers on As-modified Si(100) — eFRANZ
NikLas Knooprl, Aanieszka Paszuk?, BENJAMIN BORKENHAGEND3,
OLIVER SUPPLIE®#, MANALI NANDY2?, GERHARD LILIENKAMP!, PE-
TER KLEINSCHMIDTZ2, THOMAS HANNAPPEL?, and WINFRIED Daum!
— YEPT, TU Clausthal — Z2Institute of Physics, TU Ilmenau —
3Fallstein Gymnasium Osterwieck — 4Physics Department, HU Berlin

The deposition of low-defect III-V-layers on Si(100) is impaired by the
formation of antiphase domains (APDs) in the epilayer. We study
the origin and formation of APDs and related defects in thin GaP
buffer layers on nearly-single-domain, As-modified Si(100) substrates.
By comparing results obtained by low energy electron microscopy
(LEEM), AFM, STM and scanning Auger electron microscopy, we
identify two different types of APD-related defects in the GaP layer and
trace these defects back to residual minority (2x1) domains of the Si
substrate. GaP growth on minority domain terraces with widths in the
range 40-100 nm gives rise to APDs of comparable lateral dimensions.
The observation of trench-like defects in the epilayer extending down
to the surface of the substrate indicates that homogeneous layer-by-
layer growth of GaP is impeded on narrow terraces (<20 nm) of the
(2x1)-reconstructed minority domain of the substrate. We propose
that insufficient nucleation of GaP on these terraces leads to the for-
mation of trenches, while on wider minority terraces APDs are formed
by 3D-like growth.

O 30.7 Tue 12:15 S053
Adsorption of CO and CO; on the Y-stabilized ZrO2(100)
surface — ®SHUANG CHEN, XIAOJUAN YU, ERIC SAUTER, ALEXEI NEFE-

DOV, STEFAN HEISSLER, CHRISTOF WOLL, and YUEMIN WANG — Insti-
tute of Functional Interfaces (IFG), Karlsruhe Institute of Technology
(KIT), 76344 Eggenstein-Leopoldshafen, Germany

Understanding the stabilization mechanism of the Y- stabilized zirco-
nia (YSZ) (100) surface has triggered a great debate over the past 30
years. In this work, we focused on a fundamental study on the surface
structure of YSZ(100) by polarization-resolved infrared reflection ab-
sorption spectroscopy (IRRAS), in combination with grazing-emission
X-ray photoelectron spectroscopy (XPS). The combined IR and XPS
results allowed to gain detailed insight into the adsorption of carbon
monoxide and carbon dioxide on YSZ(100) over a large coverage range
from submonolayer to multilayers. The experimental data were further
analyzed based on the density functional theory (DFT) calculations.

0 30.8 Tue 12:30 S053
Starting from a Fixed Geometry: Real-Time XPS Inves-
tigation of a Surface Reaction with Controlled Molecular
Configurations — eTmmo Graser', CHRISTIAN LANGER!, JULIAN
Heep!, Jannick MEeINECKE?, MaTHiEU Siniy®, UnricH Kogerr?,
and MicHAEL DORR! — llInstitut fiir Angewandte Physik und Zen-
trum fiir Materialforschung, Justus-Liebig-Universitidt Giessen, Ger-
many — 2Fachbereich Chemie, Philipps-Universitit Marburg, Ger-
many — 3Synchrotron SOLEIL, 91192 Gif sur Yvette, France

The relative orientation between two reactants can have a major in-
fluence on the reactivity and on the products of a chemical reaction.
In gas-surface chemistry with well-defined single-crystal surfaces, the
orientation and configuration of one reactant is fixed by the surface,
but still the reacting gas molecules can impact on the surface in all
possible orientations. Here we show how to constrain the relative ori-
entation of both reactants by attaching a reactive group (ether) via a
linker (cyclooctyne) on a single crystal surface. This keeps the react-
ing group in a highly-constrained configuration close to the surface.
We demonstrate this concept for ether cleavage on silicon (001), the
surface analogue of an Sn2 reaction. The kinetics of the further re-
action of the ether group with the silicon surface is studied by means
of real-time XPS using synchrotron radiation. We find both a low-
energy barrier and a low prefactor, which we discuss in terms of the
constrained starting configuration of the ether group. As this config-
uration represents the starting point of a low-energy pathway, it gives
direct experimental access to the underlying reaction mechanism.

O 31: Solid-Liquid Interfaces 3: Reactions and Electrochemistry

Time: Tuesday 10:30-12:30

Topical Talk O 31.1 Tue 10:30 S054
Towards a realistic description of electrified solid-liquid in-
terfaces — eNicorLas G. HOrMANN — Fritz-Haber-Institut der Max-
Planck-Gesellschaft, Berlin, Germany

Atomistic modelling of electrified solid-liquid interfaces in the context
of electrocatalytic and electrochemical transformations is a challeng-
ing task. This is in particular so as the description of many relevant
processes involves the consideration of charge transfer, solvent reor-
ganization and the long-range screening of the electrolyte. Many of
these processes have been studied in the past using effective model
hamiltonians and from a physical chemistry perspective, e.g. based
on mean-field kinetic models. However, recent advances in the first-
principles-based description have opened up pathways to study the
involved phenomena with atomistic resolution and to gain new, fun-
damental insights.

In this talk, I will give a brief overview of such recent developments,
concentrating mainly on the use of and results from DFT calculations
in continuum solvation environments|[1]. Without doubt, such calcula-
tions have had a tremendous impact on the community, as they paved
the way to describe the interfacial energetics in a grand-canonical
framework, aka at applied potential conditions|2]. In addition to dis-
cussing a range of results obtained on model systems, I will as well
clarify the evident limitations and inaccuracies of such an approach
and discuss briefly possible future pathways to improve upon those.

[1] S. Ringe et al., Chem. Rev. (2021). [2|] N.G. Hérmann et al.,
JCP, 150, 041730 (2019).

O 31.2 Tue 11:00 S054

Electrostatic potentials in molecular dynamics — eLubpwic
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AHRENs-IwERs!, GREcOR VONBUN-FELDBAUER!, and ROBERT

MEissNER? — !Institute of Advanced Ceramics, Hamburg University
of Technology, Hamburg, Germany — 2Institute of Polymers and Com-
posites, Hamburg University of Technology, Hamburg, Germany

Molecular dynamics (MD) simulations in a constant potential ensem-
ble are an increasingly important tool to investigate charging mech-
anisms in next-generation energy storage devices. The constant po-
tential method (CPM) can be used in classical MD to model metallic
electrodes at an electrostatic potential. In this method, charges of
individual electrode atoms are set to meet the applied potential. Un-
fortunately, existing implementations are either highly specialized or
not very performant.

As a new implementation of the CPM, the ELECTRODE package
for the MD code LAMMPS is presented. This package integrates a
particle-mesh solver to greatly reduce computation times of the long-
range Coulomb interactions. Further, a dipole correction that is re-
quired for systems with a slab geometry is included. In addition to the
CPM, the code features a constant charge method which distributes
the charges within each electrode as well as a thermopotentiostat that
utilizes the CPM algorithm. Moreover, the integration in LAMMPS
allows the use of many tools from the base code and other packages.

O 31.3 Tue 11:15 S054
First-principles molecular dynamics simulations of electri-
fied Pt(111)/H20 interfaces — eLaNG Li, NicoLas G. HORr-
MANN, and KARSTEN REUTER — Fritz-Haber-Institut der Max-Planck-
Gesellschaft, Berlin, Germany

Metal-water interfaces play a fundamental role in electrochemistry. An
accurate understanding of their properties is required in any attempt to
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describe electrochemical phenomena such as electrocatalytic reactions
or charge transfer processes.

In this work, we benchmark the description of -electrified
Pt(111) /water interfaces based on first-principles molecular dynam-
ics simulations at applied potential conditions using density functional
theory. We apply the potential by introducing excess electrons that are
counterbalanced by partially charged hydrogen atoms. This method
is tested with a variety of slab setups and cell sizes. Additionally, we
investigate different methods to determine the reference potential.

We analyze in detail the structure of the interface as well as the
obtained capacitance vs. potential curves and compare these with
published theoretical and experimental results [1]. Our results high-
light the response of interfacial water to an applied potential and its
importance for understanding the hump in the capacitance, observed
at high electrolyte concentrations [2].

[1] L. Li, J. -B. Le, J. Cheng, Cell Rep. Phys. Sci., 3, 100759 (2022).
[2] J.B. Le, Q.Y. Fan, J.Q. Li, J. Cheng, Sci. Adv., 6, eabb1219 (2020).

O 31.4 Tue 11:30 S054
First step of the oxygen reduction reaction on Au(111):
An ab initio molecular dynamics study of the electrified
metal/water interface — eALEXANDRA M. Dubpzinski, ELias
DieseN, HENDRIK H. HEENEN, VaNEssa J. Bukas, and KARSTEN
REUTER — Fritz-Haber-Institut der MPG, Berlin, Germany

The oxygen reduction reaction (ORR) is a key electrocatalytic process
for developing sustainable energy technologies. And yet, many aspects
of the underlying reaction mechanism are still poorly understood at
the molecular level. Especially at weak-binding electrode surfaces such
as Au, even the ability to bind aqueous O2 species as a first mecha-
nistic step remain unclear. Resolving these questions requires going
beyond the simplified thermodynamic models of charge-neutral reac-
tion intermediates that have been commonly used in computational
electrocatalysis so far. Here, we perform molecular dynamics simula-
tions based on periodic density-functional theory (DFT) to investigate
02 adsorption at an electrified Au(111)/water interface. We elucidate
structural interfacial properties as a function of surface charge, and
show that the latter can significantly alter the O2 binding energy. Ad-
sorption is specifically enhanced under electric fields that are realistic
for ORR operation, suggesting this as a very possible first electrochem-
ical, rather than purely chemical step of the mechanism and showing
that field effects in corresponding DFT models cannot be neglected.
The resulting dependence on (absolute) electrostatic potential may
further explain the superior activity measured experimentally for this
catalyst in alkaline vs. acidic media.

O 31.5 Tue 11:45 S054
Modeling varying potential conditions in electrochemical sim-
ulations: The case of Oz/Au(111) — eELiAs DIESEN, ALEXAN-
DRA M. Dupbzinski, HENDRIK H. HEENEN, VaNEssa J. Bukas,
and KARSTEN REUTER — Fritz-Haber-Institut der Max-Planck-
Gesellschaft, Berlin

While significant insight has been gained in recent years by DFT-based
simulations of electrochemical processes, crucial methodological chal-
lenges remain, especially for accurate determination of reaction ener-
gies under operando conditions. One open question is how to repre-
sent the constant electrode potential in simulations of an electrified
water/metal interface, where the simulation setup requires a constant
charge in the simulation cell throughout the reaction. Here we compare
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different levels of treatment of the electrochemical interface: explicit ab
initio molecular dynamics, an implicit solvent model, and a sawtooth-
potential electric field in vacuum, for the case of Oz adsorption on
Au(111). We characterize the dynamics near the surface and identify
ways an applied electrode potential influences the adsorption. We find,
in all methods, significantly enhanced Oz adsorption at more reducing
conditions. However, we also show that certain aspects of the process
can only be captured using a fully explicit treatment of the solvent.

O 31.6 Tue 12:00 S054
Understanding the Interfacial Capacitance of 2D Materials in
an Implicit Water Environment — eHeDpDA OscHinski!2, N1co-
Las G. HorManN!, and KARsTEN REUTER! — !Fritz-Haber-Institut
der Max-Planck-Gesellschaft, Berlin, Germany — 2Technical Univer-
sity of Munich, Germany

The interfacial capacitance (C) is a central quantity in electrochem-
istry. For metal electrodes, C' is dominated by the double layer capaci-
tance that derives from the potential drop in the solvent. However, the
finite density of states (DOS) in semiconducting 2D electrodes alters
the picture and leads to a vanishing C' around the point of zero charge.
This entails a challenge in describing the energy-potential relation and
the connected field effects when considering adsorbates.

To explore this challenge, we study the interfacial capacitance for
2D metal halides MXs, using density-functional theory in a contin-
uum solvent environment. We break down C into a DOS-filling-related
quantum capacitance and the double layer capacitance. Our analysis
demonstrates that such a separation into individual components is not
straightforward. Nevertheless, the qualitative behavior of C' can be ra-
tionalized, making this study a first step towards better understanding
of 2D, in particular semiconducting, electrodes.

O 31.7 Tue 12:15 S054
Two-Dimensional 2D Materials interfacing liquid water
the new frontier from ab initio simulations BEenorr
GrosieaN!, FELIx Mounat!, RopoLpPHE VUILLEUMIER!, FRANCOIS-
XaviEr CouDpeRT?, and eMARIE-LAURE BocqQuer! — !Ecole Nor-
male Supérieure, PSL university and CNRS, Paris, France — 2Chimie
Paris Tech, PSL university and CNRS, Paris, France

In spite of their computational cost, quantum dynamic insights open
unprecedented avenues for the use of 2D materials for nanofluidics.
In this talk, I will report on our recent theoretical findings on 2D
materials like G (graphene), BN (boron nitride) and GO (graphene
oxide) by means of Ab Initio Molecular Dynamics (AIMD) and their
implications to rationalize their peculiar fluid transport and filtration
properties. We demonstrate that the charging of pristine ideal 2D ma-
terials in aqueous conditions originate from the hydroxide anion and is
crucially dependent of the electronic structure of the 2D layers ranging
from chemisorption to physisorption. [1] We could pioneer the concept
of static versus mobile extrinsic charges on prototypical 2D materials
that have a huge impact on electro-kinetic transport.[2] We also pre-
dict that the water reactivity is further enhanced on hydrid sheets like
planar G-BN heterostructure [3]. Finally, we explore the properties
of various GO models in neutral water and we unveil several chemical
processes [4].

[1] Nat. Comm. 10, 1656 (2019). [2] J. Chem. Phys. 156, 044703
(2022). [3] Phys. Chem. Chem. Phys. 22, 10710 (2020). [4] Nat.
Comm. 11, 1566 (2020).



Regensburg 2022 — O

Tuesday

O 32: Poster Tuesday: Adsorption and Catalysis 1

Time: Tuesday 11:00-13:00

0O 32.1 Tue 11:00 P3
Analysis of Electron-Transfer in Water-Based Dye-Sensitized
Solar Cells eDaNIEL Horzuackier!, ANDREAs RINGLEB!,
RAFFAEL Rugss?, and DERck SCHLETTWEIN! — 1Justus-Liebig-
Universitit Giefen, Institut fiir Angewandte Physik — 2 Justus-Liebig-

Universitdt Gieften, Physikalisch-Chemisches Institut

Dye-sensitized solar cells (DSSCs) present a possible low-cost technol-
ogy for the conversion of sunlight into electrical energy. Most DSSCs
are based on electrolytes with organic solvents. Due to environmen-
tal reasons it is attractive to replace organic solvents by water. In
view of the damage typically caused to DSSCs by water contamina-
tions, the use of water as contact solution represents a big challenge.
Complete aqueous DSSCs were assembled with a combination of dif-
ferent organic dyes (D51, D35 and Y123) and organic redox medi-
ators (TEMPO, AZADO and TEMPOL). The combination of Y123
and TEMPO yielded remarkable efficiencies of up to 4.4%. Although
heavily limited in the fill factor, TEMPOL proved to be an interest-
ing alternative, as its solubility in water is dramatically increased in
comparison to TEMPO. Similar open circuit voltages and short circuit
currents were reached but large overpotentials of electron transfer at
the electrodes still limited TEMPOL-based cells. Subsequently, the
electrolyte and electrode surfaces were modified in order to reduce the
respective overpotentials.

0 32.2 Tue 11:00 P3
Novel corrugated geometric moiré pattern of a semi-
periodically buckled, zebra-like topography of Xe on Ag(110)
— oINcA CHRISTINA LANGGUTH and KARINA MORGENSTERN — Chair
of Physical Chemistry I, Ruhr-Universitdt Bochum, Bochum, Germany

Solid rare gas films on metal single crystals are currently gaining in-
terest due to their beneficial properties. As non-ionic, low interacting
insulator surfaces they offer a potential application for unperturbed
surface science studies. STM investigations of a thin xenon (Xe) film
of several monolayers on Ag(110) reveal a novel corrugated structure
of a semi-periodically buckled, zebra-like topography. The outstand-
ing feature of this surface is a non-uniform distribution of buckled row
orientations and distances. Instead of domain boundaries separating
different phases, a gradual transition of row orientations is observed.
The corrugated row pattern can be attributed to a geometric moiré
pattern at the interface of the incommensurable Ag(110) and Xe(111)
crystal lattices. A gradual change of the row orientation can further be
explained by a gradually changing Xe-lattice orientation with respect
to Ag(110) within a narrow angle regime. The stability of this semi-
periodic structure against annealing reveals a remarkably flat potential
energy surface for the turning of the Xe layer relative to the Ag(110)
surface. The corrugated surface may serve as an interesting substrate
for further studies of geometric confinement effects in an anisotropic
environment.

O 32.3 Tue 11:00 P3
On-surface Synthesis of Naphthalocyanines with Extended
m-Systems — eLukas J. HeupLick!, Qitang Fan!, DMITRIY A.
AsTtvaTsaTurov?, DENNIS KORMER!, TaTiana V. DuBININAZ, and J.
MicHAEL GoTTFRIED! — lFachbereich Chemie, Philipps-Universitét
Marburg, Marburg, Germany — 2Moscow

The distinct optical and electronic properties of phthalocyanines (Pc)
make them interesting in a wide field of applications. Here we re-
port the on-surface synthesis of new naphthalocyanines with differ-
ently extended m-systems. This reaction in form of a cyclization is
studied for different dicarbonitriles on the Ag(111) and Au(111) sur-
faces by scanning tunneling microscopy (STM) and X-ray photoelec-
tron spectroscopy (XPS). 6,7-Diphenyl-2,3-naphthalenedicarbonitrile
(DPNDN) forms naphthalocyanines only with co-adsorbed Fe atoms
on Ag(111) and Au(111). The larger 6,7-di(2-naphthyl)-2,3-
naphthalenedicarbonitrile (DNNDN) can undergo this reaction di-
rectly on Ag(111) without co-adsorbed metal, resulting in the cor-
responding Ag-NPc.

O 32.4 Tue 11:00 P3
Adaptive training of a machine-learned model for nonadia-
batic hydrogen chemistry on multiple facets of Copper. —
eWoiciecH G. STARK, JuLiA WESTERMAYR, OscAar A. DoucLAs-
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GALLARDO, JAMES GARDNER, and REINHARD J. MAURER — Univer-
sity of Warwick, Coventry, United Kingdom

Traditionally, molecular dynamics methods utilise the Born-
Oppenheimer approximation and dynamics are governed by a sin-
gle potential energy surface. However, on metallic surfaces often
the energy exchange between adsorbate and electronic excitations
in the metal is significant and causes the breakdown of the Born-
Oppenheimer approximation. There are multiple methods to include
such nonadiabatic effects, with one of the most efficient being molecular
dynamics with electronic friction (MDEF). MDEF introduces nonadi-
abatic effects via additional electronic friction forces, which can be
calculated with time-dependent perturbation theory based on Density
Functional Theory. However, a meaningful comparison between com-
putational simulations and experiments demands the capability to run
tens of thousands of MDEF trajectories. We present high-dimensional
machine-learning based interatomic potential and electronic friction
models that enable the simulation of nonadiabatic molecular dynamics
of hydrogen scattering and associative desorption at different copper
surfaces. We construct deep neural network representations via iter-
ative adaptive sampling based on the target dynamical observables,
namely the scattering and reaction probabilities.

0 32.5 Tue 11:00 P3
Adsorption and Diffusion of NH3 on Rutile TiO2(110):
An STM Study — eHanNa BUHLMEYER!, KRAEN CHRISTOF-
FER ApaMsEN?, Tao Xu!, Lurz Lammicu?, Jore LiBupal,
STEFAN WENDT2, and JepPE VaNG LAUrITSEN? — lInterface
Research and Catalysis, ECRC, Friedrich-Alexander-Universitét
Erlangen-Niirnberg, Egerlandstrafte 3, 91058 Erlangen, Germany —
2Interdisciplinary Nanoscience Center, Aarhus University, Gustav
Wieds Vej 14, 8000 Aarhus, Denmark

The adsorption of NH3 on TiO2 is an important step for many reac-
tions in environmental catalysis such as the selective catalytic reduc-
tion (SCR) of NOX over V205/TiO2 and the removal of NH3 from
air and water over TiO2. To obtain a detailed understanding of the
surface chemistry of NH3 on TiO2, we investigated the adsorption of
sub-monolayers of NH3 on clean, hydroxylated, and O-precovered ru-
tile TiO2(110) surfaces by means of scanning tunneling microscopy
(STM) under ultrahigh vacuum (UHV) conditions. We found that
on the clean TiO2(110) surface at 120 K, NH3 adsorbs exclusively as
monomers. On the hydroxylated TiO2(110) surface at 160 K, we ob-
serve 2(NH3) pairs and (NH3)2 dimers in addition to the majority of
monomeric NH3. At 270 K, monomeric NH3 and surface hydroxyls
diffuse together along the [001] direction. Additionally, NH3 can also
diffuse along the surface hydroxyl bridge in the [1-10] direction. On
the surface precovered by O adatoms (Oot) at 160 K, we observe the
formation of NH20H and 2(NH2OH) species formed by the interaction
of NH3 monomers with Oot and Oot pairs.

O 32.6 Tue 11:00 P3
Real-space study of carbenes using a diazofluorene precur-
sor adsorbed on a Cu(111) surface — eHussaIN MAazHAR!,
JuLiEN RoweN?, WoLFRAM SANDER?, and KARINA MORGENSTERN!
— 1Lehrstuhl fiir Physikalische Chemie I, Ruhr-Universitit Bochum,
44801 Bochum, Germany — 2Lehrstuhl fiir Organische Chemie II,

Ruhr-Universitdt Bochum, 44780 Bochum, Germany

Carbene is a reactive intermediate playing a vital role for many synthe-
sis in the pharmaceutical industry [1]. Here, we study their properties
on a metal substrate in real space using scanning tunnelling microscopy
(STM) at 5 K. As carbenes are highly reactive species, they cannot be
deposited directly on metal surfaces. The arrangement of their precur-
sors on the surface is crucial for the carbene reactivity upon carbene
formation. Diazofluorene molecules, already studied on the Ag(111)
surface [2], are used as a precursor of the carbene to compare the
influence of the surface on carbene reactivity. The STM study re-
veals dimer and cluster formation of the carbene precursor molecules
on Cu(111) when deposited at 50 K and 100 K. While at 50 K more
dimer formation occurs, at 100 K cluster formation is noticeable. An
electrostatic surface potential map is used to determine charge distri-
bution of the dimers. For carbene formation, a particular energy is
required to cleave the diazo part from the molecule. In this study, we
used STM manipulation to estimate the energy for the dissociation of



Regensburg 2022 — O

Tuesday

the molecule. [1] Patil, Siddappa A, Future Med. Chem. 7. (2015)
1305-1333 [2] Mieres-Perez, Joel, J. Am. Chem. Soc. 143. (2021)
4653-4660

0O 32.7 Tue 11:00 P3

Thickness-dependent energy level alignment of terrylene
molecules on WS2 monolayer — eQianc Wanc?!, Stran You3,
BiorN KoBIN?, PATRICK AMSALEM!, LiFENG CHI3, STEFAN HECHT?,
and Noreerr Kocu! — !nstitut fiir Physik & IRIS Adlershof
Humboldt-Universitéit zu Berlin, Berlin, Germany — 2Department of
Chemistry & IRIS Adlershof Humboldt-Universitat zu Berlin, Berlin,
Germany — 3Institute of Functional Nano and Soft Materials (FUN-
SOM) , Soochow University, Suzhou, China

The exceptional large surface ratio makes 2D TMDC notably sensi-
tive to extrinsic modification. In particular, we study the Van der
Waals structure of WS2 monolayers modified by the conjugated ter-
rylene molecules. We show the terrylene/WS2 heterostructures exist
in different stacking configurations dependent on the layered cover-
age, revealed by photoemission spectroscopy and scanning tunnelling
microscopy (STM). Electronically, the hybrid heterostructures exhibit
type-1I energy level alignment. It is further determined that the ion-
ization potentials of terrylene, are reduced by 0.54 €V as the molecule
switching from flat-lying to standing orientation. The adsorption be-
haviour is spatially resolved by STM, indicating two different atomic
assembles. As determined by photophysical characterization, low en-
ergy electron-hole pairs are also populated upon molecule deposition.
Meanwhile the external dielectric screening lowers the Rydberg states
of WS2. Our findings reveal the vertical 2D heterostructures enable ef-
fective tailoring of both electronic and photophysical properties, which
can be applied for various optoelectronic devices.

O 32.8 Tue 11:00 P3
Nanocar Race II: How fast and how long can we drive
nano-vehicles? — eTiv Kuoune!, Kwan Ho Au Yeuncl,
SUCHETANA SARKAR!, Oumamma ArBoupi?, SovyouNc PARK?Z,
Franziska LisseL?, and FrRaNncEscaA Moresco! — !Center for Ad-
vancing Electronics Dresden, TU Dresden, 01062 Dresden, Germany

— 2Leibniz Institute of Polymer Research, 01062 Dresden, Germany

O 33: Poster Tuesday:

Time: Tuesday 11:00-13:00

O 33.1 Tue 11:00 P3
Anisotropic carrier dynamics in single crystalline graphite —
eHAUKE BEYER, PETRA HEIN, KAl ROSSNAGEL, and MICHAEL BAUER
— Institut fiir Experimentelle und Angewandte Physik, Christian-
Albrechts-Universitat zu Kiel, Germany

Time- and angle-resolved photoelectron spectroscopy at 35fs time-
resolution is employed to study the carrier dynamics in the Dirac
cone of graphite upon excitation with linearly polarized light. Due
to the pseudo spin degree of freedom, the nascent photogenerated
carrier distribution exhibits a strong anisotropy in momentum space.
We observe the formation of a quasi-thermalized distribution on ul-
trafast timescales (~ 10fs) through e-e interactions exhibiting a clear
azimuthal anisotropy similar to findings for graphene [1]. For the az-
imuthal thermalization our data reveal a characteristic time scale of
40+ 10fs. The residual non thermal part of the electron distribution
shows a time-dependent shift in energy by ~ 150 meV, which we assign
to the formation of a steplike distribution due to e-ph interactions.
The results are in good qualitative agreement with calculations based
on a model introduced in Ref. [2].

[1] S. Aeschlimann et al., Phys. Rev. B 96, 020301(R) (2017).

[2] E. Malic et al., Phys. Rev. B 84, 205406 (2011).

0O 33.2 Tue 11:00 P3
High-harmonic generation from the surface state of BizSes
with THz driving fields — eTimM BERGMEIER, SUGURU ITO,

JENs GUDDE, and ULricH HOFErR — Fachbereich Physik, Philipps-
Universitdt Marburg, Germany

The acceleration of charge carriers through the Dirac-point in the topo-
logically protected surface state (TSS) of topological insulators (TIs)
by strong electric fields with frequencies in the THz range gives rise
to a nontrivial type of unusually efficient high-harmonic generation

54

Scanning tunneling microscopy has progressed far beyond just be-
ing a probing technique. We can now address and manipulate single
molecules and atoms with a great degree of precision and repeatabil-
ity. The 2nd Nanocar Race saw surface science groups from across the
globe design and synthesize molecules of at least 70 atoms with the in-
tent of driving it on Au(111). The conversion of electric impulse from
the tip to controllable translation of the nanocar along the FCC sites
of Au(111) was demonstrated by each team, although the design phi-
losophy and mediating physics theories varied across the board. Here,
we present the TU Dresden nanocar. It was successfully manipulated
via inelastic tunneling electrons for 290nm during the 24-hour race.

O 32.9 Tue 11:00 P3
First-Principles Study of Methanol and Benzene Adsorption
on Inz03(111) — eANDREAS ZIEGLER!, MARGARETA WAGNER?,
ULRIKE DieBoLp?, and BErRND MEYER! — lInterdisciplinary Cen-
ter for Molecular Materials and Computer Chemistry Center, FAU
Erlangen-Niirnberg, Germany — 2Institute of Applied Physics, TU

Wien, Austria

Indium oxide is widely used as transparent conductive oxide for elec-
trodes in semiconductor devices, but it is also a promising new catalyst
for hydrogenation and dehydrogenation reactions, e.g. methanol syn-
thesis. To probe the reactivity of the most stable (111) termination of
Iny O3, we studied the adsorption of methanol and benzene, two pro-
totypical polar and nonpolar molecules, by DFT geometry optimiza-
tions and Car-Parrinello molecular dynamics (CPMD) simulations. We
find that the unit cell of the InpO3(111) surface is chemically quite
heterogeneous: by searching for the most favorable configurations of
methanol with increasing coverage from one to nine molecules per unit
cell we find that the first three methanol molecules dissociate in one
specific region of the unit cell, followed by molecular adsorption on
neighboring sites, confirmed by TPD, XPS and ncAFM experiments.
Also benzene prefers to adsorb at one specific site in the unit cell. Due
to the large size of the unit cell, the benzene molecules are well sep-
arated. CPMD simulations show that the molecules can freely rotate
and are well trapped at their adsorption site. However, rotation is
suppressed for benzene derivatives with additional side groups.

Ultrafast Processes 2

Location: P3

(HHG) as demonstrated for BigTes [1]. The long scattering times in
the TSS resulting from spin-momentum locking are imprinted in the
observation that the high-harmonic orders can be continuously shifted
in frequency by varying the carrier-envelope phase of the driving field.
This makes it possible to investigate the unusual transport properties
in the T'SS by this all optical method even at buried interfaces.

Here, we present first results for BiaSes by using a newly developed
setup that enables THz-HHG with a stable carrier-envelope phase at a
repetition rate of 200 kHz reaching field strengths of up to 10 MV /cm
in the frequency range of 12-90 THz. We show how the contribution of
electrons in the TSS to the HHG spectra can be determined by mea-
surements with varying field strengths and THz-frequencies above and
below the bulk band gap, while analyzing the polarization of the high
harmonic signal for different directions of the excitation in momentum
space.

[1] C. P. Schmid et al., Nature 593, 385 (2021).

O 33.3 Tue 11:00 P3
Towards time-resolved photoemission orbital tomography on
van-der-Waals heterostructures — e WIEBKE BENNECKE, DAvVID
ScumitT, JAN PHILLIP BANGE, MATTIS LANGENDORF, KATHARINA
D. FEESER, DANIEL STEIL, SABINE STEIL, MARCEL REUTZEL, G. S.
MarTHIIS JANSEN, and STEFAN MATHIAS — 1. Physikalisches Institut,
Georg-August-Universitat Gottingen

Heterostructures of two-dimensional van-der-Waals materials with
molecular thin films provide an exceptional platform to tailor elec-
tronic energy level alignments that govern the optoelectronic response
of such materials. In addition to the energy-level alignment, a detailed
knowledge of the electronic wavefunctions in these systems would help
to fundamentally understand optical excitations, exciton generation,
charge-transfer and relaxation processes. Here, time-resolved orbital
tomography is a promising method that potentially provides such in-
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formation. On this poster, we show first results of femtosecond orbital
tomography of PTCDA monolayers adsorbed on bulk as well as mono-
layer WSes.

0O 33.4 Tue 11:00 P3
Transient optical properties in non-equilibrium laser excited
noble metals — eMaRrius WENk!, PascaL D. NpioNe!, SEBAs-
T1aN T. WEBER!, Dirk O. GERICKE?, and BAERBEL RETHFELD!
1Department of Physics and OPTIMAS Research Center, Technische
Universitit Kaiserslautern — 2CFSA, Department of Physics, Univer-
sity of Warwick

Ultrashort laser pulses can induce strong modifications of material
properties of solids such as creating highly transient optical param-
eters. After excitation with lasers of high power, the conduction elec-
trons thermalize quickly to a hot Fermi distribution. Yet, the band
occupation numbers can still be far from equilibrium.

We study excitation of noble metals such as copper and gold with vis-
ible photons. We use a two-temperature model and construct electron
density-resolved rate equations to simulate the non-equilibrium band
occupation [1]. Applying the results of the simulation, particularly
the occupation and temperature data, we compute the time-resolved
dielectric function based on the Drude-Lorentz formalism. In order to
compare the results with experimental data, we calculate the transient
optical properties such as probe reflectivity and transmissivity. Our
predictions are compared with time-resolved measurements of optically
excited metals, thus providing insights to electron dynamics on femto-
and picosecond timescales.

[1] Pascal D. Ndione, Sebastian T. Weber, Dirk O. Gericke, and
Baerbel Rethfeld. Scientific Reports, 12(1) 4693 (2022)

0 33.5 Tue 11:00 P3
LabVIEW based software solution for tr- ARPES experiments
— eJoHANNES GRraDL!, NikLas Hormann!, LEonarRD WEIGLY, YU
Zuang?, CepHiSE CAcHO®, NEERAJ MisHra%5, STiveN Forri?,
Camira CorLerTi®® and IsaBeLLa Gierz! — !Department of
Physics, University of Regensburg, 93040 Regensburg, Germany —
2Central Laser Facility, STFC Rutherford Appleton Laboratory, Har-
well Campus, Didcot OX11 0DE, United Kingdom — 2Diamond Light
Source, Harwell Campus, Didcot OX11 ODE, United Kingdom —
4Center for Nanotechnology Innovation @NEST, Istituto Italiano di
Tecnologia, 56127 Pisa, Italy — 5Graphene Labs, Istituto Italiano di
Tecnologia, 16163 Genova, Italy

Time- and angle-resolved photoemission spectroscopy (tr-ARPES) is
an experimental technique used for visualizing non-equilibrium carrier
dynamics as well as transient band structures of photoexcited sam-
ples as a function of energy, momentum, and time. A tr-ARPES
setup ideally includes femtosecond pump pulses with tunable photon
energy, femtosecond extreme ultraviolet probe pulses an ultrahigh vac-
uum chamber equipped with a cryo-cooled sample manipulator and a
photoelectron analyzer as well as additional features for in situ sample
preparation and characterization. In addition to this hardware, the ex-
ecution of tr-ARPES experiments requires a user-friendly software for
hardware control, data acquisition, and real time data visualization.
We will present our LabVIEW based software solution and demon-
strate its successful implementation with a series of data sets from a
WS2/graphene van der Waals heterostructure.

O 33.6 Tue 11:00 P3
Ultrabroadband THz-STM and its application to study hot
electron dynamics in metals — NartaLia MARTIN SaBanis!:2,
Faruk Krecinic!, eVivien Sirzional, Takasur Kumacar'3,
FaBian Scuurz'?, Luis ENRIQUE PARRA LopPez!, ALkisTI VArTsi!,
MARTIN Worr!, and MELANTE MOLLER! — 1 Fritz-Haber Institute of
the Max-Planck Society, Berlin, Germany — 2IMDEA Nanoscience,
Madrid, Spain — 3Institute of Molecular Science, 444-8585 Okazaki,
Japan — 4CIC NanoGUNE BRTA, San Sebastian, Spain

Localized ultrafast currents across the junction of a scanning tunnel-
ing microscope (STM) can be generated by photo-assisted hot elec-
tron tunneling or *cold* lightwave-induced tunneling. In addition, but
so far not considered, fs laser excitation can induce a transient ther-
malized electron distribution that can give rise to an ultrafast current
component. Here we investigate the role of ultrafast thermionic tunnel-
ing for photoinduced hot electron tunneling from a photoexcited STM
tip [1]. We access the dynamics of hot electron tunneling by phase-
resolved sampling of ultrabroadband Terahertz (THz) waveforms in-
side the STM junction. Our results reveal the strong nonthermal char-
acter of photoinduced hot electron tunneling, and provide a new route
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to probe hot electron dynamics in metals using THz-STM. Further-
more, we report on the development of an ultrabroadband THz-STM
with tunable optical excitation for the spatiotemporal investigation
of photocarrier dynamics at metal-semiconducting interfaces. [1] N.
Martin Sabanés et al., 10.48550/arXiv.2205.08248

0 33.7 Tue 11:00 P3
in TMDC Monolay-

Dark Exciton Formation Dynamics
- 1 RAUL PEREA-

ers eSARAH ZajuscH!, Lasse MUNSTER!,

CausiN', SamuteL Brem!, Karsumi Tanimural, Jens GUDDE!,
YarosLAv GERASIMENKO?, RUPERT HUBER?, ERMIN MaLic!, ULRricH
Horer!, and RoBERT WALLAUER! — !Fachbereich Physik, Philipps-
Universitit Marburg, Germany — 2Fachbereich Physik, Universitit

Regensburg, Germany

Charge transfer processes in two-dimensional TMDCs are governed by
the formation of excitons. The excitonic landscape comprises optically
accessible bright excitons as well as momentum- and spin-forbidden
dark states. Our experimental setup combines time-resolved momen-
tum microscopy with probe energies in the XUV regime which provides
direct access to k-resolved exciton dynamics within the whole Brillouin
zone on an ultrafast time scale.

Although structural features are very similar for different semicon-
ductor TMDC materials, slight variations in both electronic band or-
dering and excitonic binding energy can drastically modify the excited
population dynamics. We present a comparison of exciton formation
in the two extreme cases of WSy and MoSe2 monolayers after valley-
sensitive excitation with circular polarized light. On the one hand,
in MoSez the bright KK-exciton is the energetically most favorable
state. On the contrary, in WSs, we additionally observe the ultra-
fast formation of energetically lower dark KK’- and KX-excitons. The
microscopic understanding of these processes is crucial with regard to
interlayer exciton formation in TMDC heterostructures.

O 33.8 Tue 11:00 P3
Time- and Angle-Resolved Photoelectron Spectroscopy with
Nano-Focused Surface Plasmon Polaritons — eALEXANDER
NEeunAus, PascaL DREHER, DAviD JANOscHKA, M1CHAEL HORN-VON
HoregeN, and FRANK-J. MEYER zU HERINGDORF — Faculty of Physics
and Center for Nanointegration, Duisburg-Essen (CENIDE), Univer-
sity of Duisburg-Essen, 47048 Duisburg, Germany.

Non-perturbative interactions of intense light fields with the electronic
band structure in a solid can result in transient electronic proper-
ties. The experimental conditions required to realize the necessary
field strength can be realized in nano-optical systems, as these can be
designed to provide tremendous enhancements of the local field ampli-
tude. Ultimately, observing the non-equilibrium electron dynamics in
such systems requires a combination of precise control over the local
driving field, state resolution, and spatial selectivity.

Here, we explore electron emission from nano-focused femtosec-
ond surface plasmon polariton (SPP) pulses, providing us with deep-
subwavelength spatial selectivity. Time- and angle-resolved photoelec-
tron spectroscopy with attosecond precision provides us access to the
coherent and incoherent dynamics of the electron emission process.
The technique is applied to the system Cs/Au(111), where we find a
resonant enhancement of the electron emission by an image potential
state.

0 33.9 Tue 11:00 P3
Ultra Fast Dynamics in Modified Thiophene based Con-
jugated Donor-Acaptor Organcic Polymers eToBIAS
REekER!2, CarsTEN WINTER!, DEB KUuMAR BuowmIick!?, NiLs
FaBiaN KLEIMEIER!'2, ZiTONG Liu3, DEQING ZHANG?, and HELMUT
ZacHARIAS! 2 — 1Center for Soft Nanoscience, University of Miinster,
Germany — 2Physikalisches Institut, University of Miinster, Germany
— 3Institute of Chemistry, Chinese Academy of Science, Beijing, China

Thiophene-based polymers are promising candidates for solar cell,
OLED or transistor applications. An internal donor - acceptor sys-
tem is formed by coupling thiophene polymers with pyrrole chains.
The charge transport behavior can be tuned by different alkyl side
chains since they influence the electronic structure. A direct assess-
ment of the intramolecular and intermolecular dynamics may guide
synthesis routes. With pDPP4T, pDPPAT and pDPTTT we inves-
tigated the electronic dynamics of verified high hole-mobility organic
semiconductors. Either the backbone or the side chains were modified.
In contrast, another polymer pF8T2 with bi-thiophene in the back-
bone was used, but with fluorene instead of pyrrole as acceptor. These
different molecular configurations are intended to provide insights into
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the change in electron configuration due to both backbone modification
and intermolecular packing. We report results of temporally resolved
photoemission studies on thiophene polymers on silicon substrates.

0 33.10 Tue 11:00 P3
Density-dependent electron-phonon coupling in multiband
systems. — eToBias HELD, SEBAsSTIAN T. WEBER, and BAERBEL
RETHFELD — Department of Physics and Research Center OPTIMAS,
TU Kaiserslautern, Germany

If a solid is irradiated with a short-pulsed laser in the visible spectrum,
the energy is almost entirely absorbed by the electrons while the lat-
tice remains cold. The subsequent energy flow between electrons and
phonons is usually described by the electron-phonon coupling param-
eter, which plays a central role in the Two-Temperature Model and
most other temperature-based models. This coupling parameter de-
pends on a multitude of observables. Most frequently a dependence on
the electron temperature is considered.

In this work, we aim to investigate how a varying density distribution
between different electron subsystems affects the coupling parameter.
In gold, we distinguish between sp- and d-electrons and in magnetic
nickel between majority and minority spins. Our results show that for
gold, the total coupling strongly depends on the density distribution,
while for nickel it is largely independent on the spin densities. In the
latter case, the individual coupling contributions of the bands change
significantly with density but mostly compensate each other in terms
of the total coupling.

O 33.11 Tue 11:00 P3
Electron Dynamics of an intercalated Graphene Layer
on Nickel — eKaTHARINA HrLcerT!, CHRISTINA ScHoTT!, Eva
WALTHER!, KAMAN Yu!, MARTIN AESCHLIMANN', and BENJAMIN
STADTMULLER!2 — ! Department of Physics and Research Center OP-
TIMAS, University of Kaiserslautern, 67663 Kaiserslautern Germany
— 2Institute of Physics, Johannes Gutenberg University Mainz, 55128
Mainz, Germany

One of the great challenges in information technology is to develop
novel concepts for the realization of active functional units on evers-
maller length scales. The simplest approach to reduce the size of any
device structure is to employ atomically thin materials as graphene
with their unique electronic and optical properties. However, these are
often altered on surfaces due to strong chemical interaction with the
substrate material. On this poster we present our approach to restore
and design the electronic properties of graphene on a Ni(111) surface by
intercalation of lead atoms. The changes in the electronic band struc-
ture of graphene on Ni(111) are monitored by angle resolved photoelec-
tron spectroscopy with extreme ultra violet radiation. On the highly
reactive Ni(111) surface, the linear dispersion of the Dirac cone of the
free-standing graphene sheet is completely suppressed by the strong
graphene surface interaction. This changes significantly after the in-
tercalation of Pb. The band structure of the graphene/Pb/Ni(111)
system reveals again the linear dispersion resembling the behavior in
free-standing graphene. This has clear consequences on the carrier
dynamics near the K-point as we will discuss in this contribution.

O 34: Poster Tuesday: Scanning Probe Techniques 2

Time: Tuesday 11:00-13:00

O 34.1 Tue 11:00 P3
Implementation of a Scanning Tunneling Microscope for
Measurements in Electrochemical Environment — eFaBIAN
SCcHROFEL, MATTHIAS GREVE, KARSTEN TARHOUNI, and OLAF MAG-
NUSSEN — Institute of Experimental and Applied Physics, Kiel Uni-
versity, Kiel, Germany

The atomic-scale understanding of processes at the interface between
solid electrodes and liquid electrolytes is of high importance for elec-
trochemical energy storage and conversion. Electrochemical scanning
tunneling microscopy (ECSTM) is a key technique for the investigation
of such interfaces. Operating an STM in an electrochemical environ-
ment requires special measures, as the potentials of both STM tip and
sample need to be controlled and electrochemical currents at the tip
need to be kept way below the tunneling current.

Here, we report details on a new ECSTM built in our group. It con-
sists of a newly developed STM head that is optimized for studies in
electrochemical environment, high scanning frequencies, and low ther-
mal drift. The instrument is based on a commercial SPECS Nanonis
STM controller that we equipped with a custom-build bipotentiostat
and coarse-approach. A suitable control software for electrochemi-
cal studies, which we integrated into the Nanonis software, allows to
perform cyclic voltammetry parallel and separate from the STM mea-
surements. Characterization of the mechanical stability of the STM
and first STM images and electrochemical data will be presented.

O 34.2 Tue 11:00 P3
Determining the phase transfer function of an STM for co-
herent spin operations — eEvVERT SToLTE — TU Delft

Coherent control of single spin transitions in atoms on a surface has
been achieved with electron spin resonance scanning tunnelling mi-
croscopy (ESR-STM).[1] Extending that control to a series of sequen-
tial gates on different transitions and developing more complex gates
requires radio frequency (RF) pulses at different frequencies with con-
trolled relative amplitudes and phases, which are both affected by the
transfer function of the power line to the tunnel junction. While
the amplitude transfer function can be determined through a well-
described rectification procedure [2], characterizing the phase transfer
function remains challenging. Straightforward transmission or reflec-
tion measurements are excluded as it is not possible to separate phase
rotations incurred on the way into the STM from those happening on
the outward journey.

Here we report on the development of an in-situ method to determine
the phase transfer function at radio frequencies that can be readily im-
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plemented to standard ESR-STM setups. The method is based on the
envelope detection of the beat signal that is generated by adding two
continuous wave RF signals separated by an audio frequency. The
effectivity of the procedure is tested through pump-probe autocorrela-
tion measurements with square pulses, which should show a reduced
minimum width if the phase correction is successful.

[1] Yang, K. (2019). Science, 366(6464), 509-512.

[2] Paul, W. (2016). Review of Scientific Instruments, 87(7).

O 34.3 Tue 11:00 P3
Performance of an electrically driven g-plus sensor in a com-
mercial Joule Thomson STM — eHESTER VENNEMA, LAETITIA

Farinacci, and SANDER OTTE — Delft University of Technology,
Delft, The Netherlands

The g-plus sensor is a wide-spread tool for performing combined STM-
AFM measurements in ultra-high vacuum at cryogenic temperatures.
Here, we implement the use of g-plus sensors in a JT-STM. Contrary
to other set-ups in which g-plus sensors are used, we do not drive our
sensor mechanically, via an excitation of the Z-piezo, but electrically,
with the excitation signal directly sent to the tuning fork.

In order to characterize the performance of our homemade g-plus
sensors we develop a set-up to test their response to an electrical drive
in ambient conditions. Following M. Lee et al. [1]|, we can disentangle
the mechanical and electrical response of the sensors to the driving
signal. After transfer into the JT-STM, we demonstrate the possibil-
ity to use electrically driven g-plus sensors for combined STM-AFM
measurements: with a Q factor around 20000 we can control the am-
plitude of the oscillation to be as low as 70 pm. Our first principle
measurements are performed on a CuCl2/Cu(100) surface [2]. We in-
vestigate with local contact potential difference measurements the local
change of work function that leads to the confinement of field emission
resonances above such vacancy patches.

[1] M. Lee et al., Appl. Phys. Lett. 91, 023117 (2007)

[2] R. Rejali et al., arXiv:2204.10559 (2022)

O 34.4 Tue 11:00 P3
Development of a compact millikelvin STM for single spin
resonance — eDariA SosTiNal, Davib CorLrLomB2, WANTONG
Huanc?, MATE STARK?, CHRISTOPH SURGERS2?, PHILIP WILLKEZ,
and WoLFGANG WERNSDORFER? — lInstitute for Quantum Materi-
als and Technologies (IQMT), Karlsruhe Institute of Technology, Karl-
sruhe, Germany — 2Physikalisches Institut (PHI), Karlsruhe Institute
of Technology, Karlsruhe, Germany
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In the last decade detection and manipulation of spins at the atomic
scale has been achieved by combining techniques like electron spin
resonance (ESR) with scanning tunneling microscopy (STM) [S. Bau-
mann et al., Science 350 (6259), 417-420 (2015) |. However crucial
properties of potential quantum spins such as the spin relaxation time
T1 and the phase coherence time T2 remain short. Both T1 and T2
are affected by the proximity to the tip and substrate, which provide
thermally excited electrons [P. Willke et al., Science Advances 4(2),
1543 (2018)]. A potential solution lies in lowering the temperatures
utilizing dilution refrigerators (DR). Here, we present the design and
implementation of a unique DR-STM optimized for ESR reaching mil-
likelvin temperatures. Since the ground state population scales with
the resonance frequency, better RF transmission at high frequencies is
also desired for ESR-STM. In the compact dilution fridge, the RF line
is optimized by a short total length of cables as well as using high-
frequency cabling up until the tip. As a result, we believe that our
compact DR-STM will help to improve ESR-STM paving the way for
quantum information processing using single spin centers on surfaces.

O 34.5 Tue 11:00 P3
Design of a high-stability miniaturized scanning tunneling
microscope for small-bore cryostats — eFELIXx HUBER, STEPHAN
SPIEKER, and SEBASTIAN LoTH — University of Stuttgart, Institute
for Functional Matter and Quantum Technologies, Stuttgart, Germany

Low-temperature scanning tunneling microscopy (STM) setups are
typically housed in large cryostats and require proportionally large
vacuum chambers, as well as extensively shielded custom-built labora-
tories to reach the signal-to-noise ratios (SNR) desired for cutting-edge
reasearch. Yet, by miniaturizing the STM-head, the SNR can be sig-
nificantly improved, due to the favorable scaling of resonance frequen-
cies [1], thermal characteristics and the cryostat hold time. The STM
design presented here, is optimized to work in noisy environments,
provides optical access to the tunnel junction, and can be used in a
standard-bore cryogenic dewar due to its small volume and dimensions
[2]. This design could be used for experiments requiring long averaging
times, and may serve as an easy upgrade to existing room-temperature
setups.

[1] C.R. Ast, et al. Rev. Sci. Instrum. 79, 093704 (2008).

[2] R. Schlegel, et al. Rev. Sci. Instrum. 85, 013706 (2014).

O 34.6 Tue 11:00 P3
Functionalized Tips in low-temperature AFM/STM - Fa-
brication and Application — eLoRrRENZ BRiLL, MARCO GRUNE-
wALD, RomMAN ForkiER und TorsTEN FRriTz — Friedrich-Schiller-
Universitat, Jena, Germany

AFM with functionalized tips has been an emergent and fast growing
field in the last couple of years. The chemical passivation of the me-
tal tip achieved via functionalization allows for images with atomic or
intramolecular resolution to be recorded.

In our contribution, we detail the fabrication of CO-functionalized
tips with a commercial low-temperature STM/AFM by Specs Sur-
face Nano Analysis GmbH and demonstrate atomic resolution on a
Cu(111)-surface. Furthermore, we show structure elucidation of orga-
nic molecular islands on the Cu(111)-substrate via atomic resolution
images.

This technique shows great promise for further investigations, espe-
cially in areas not accessible via conventional STM, e.g. detailed struc-
ture analysis of 1,4-benzoquinone on metal substrates.

O 34.7 Tue 11:00 P3
Inspecting non-linearities in scanning force microscopy —
eLukas BorrcHiER!, ANNA Ditrus?, JENS STARKE?, INGO BARKE!,
and Syrvia SPeLLER! — lInstitute of Physics, University of Rostock

— 2Institute of Mathematics, University of Rostock

In dynamic force microscopy bistable states are often encountered.
This includes two stable states at small and large amplitude flank-
ing one unstable state at intermediate amplitude, separating two at-
tracting regions. Our aim is to investigate the behavior of oscillating
cantilevers in dynamic force microscopy [1,2]. We acquired distance
dependent frequency sweeps of amplitude and phase. From this we de-
termined saddle-node branches with cusps and compare the behavior
with simulations.

[1] A.C. Boccara et al., Applied Physics Letters 58 (1991).

[2] Robert W. Stark, Materials Today 13 (2010)

0O 34.8 Tue 11:00 P3
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Setup for laser-based time-resolved momentum microscopy
— oFELIX PASsLACK, STEFANO PoNzoONI, GIOVANNI ZAMBORLINI, and
Mirko CINCHETTI — Department of Physics, TU Dortmund Univer-
sity, Otto-Hahn-Strafse 4, Dortmund, Germany

In this work, we characterize the performance of a recently in-
stalled time-resolved angular-resolved photoemission spectroscopy (tr-
ARPES) system. trARPES is performed by coupling an opti-
cal beamline for pump-probe spectroscopy[l] to a state-of-the-art
momentum-microscopy photoemission spectrometer (KREIOS MM,
SPECS GmbH). This allows for an almost continuous tunability of
the pump photon energy between 0.5eV and 3.8eV while capturing
the full photoemission horizon of the 6eV probe. The performance of
the system is characterized through a set of measurements on the topo-
logical insulator BizSes, for which both the static electronic structure
and the out of equilibrium electron dynamics are already extensively
studied in literature following the evolution of the electronic structure
with an energy resolution in the order of 50meV, a momentum reso-
lution of 0.005A 1and a time resolution below 500fs throughout the
whole photoemission horizon. In particular, thanks to the ultimate an-
gular acceptance of the photoemission microscope, we are able to track
the dispersion of the photoexcited states in BizSes up to +0.48A~1
and 1leV above the Dirac point, beyond the practical limitations of
conventional high-resolution ARPES spectroscopy with 6eV photons.
[1] F. Mertens et al., Review of Scientific Instruments 91 (2020)

O 34.9 Tue 11:00 P3
Development and characterization of a Herriott-type mul-
tipass cell compression-setup for fs-pulses and variable
repetition rates — eLASSE STERNEMANN!, KARL ScCHILLER!,
AvLaN OMmAaRr?, Matwa Stupar!, Mirko CiNcHETTI', and CLARA
SARACENO? — l1Department of Physics, TU Dortmund Univer-
sity, Otto-Hahn-Strafe 4, 44227 Dortmund, Germany — 2Ruhr-
Universitaet Bochum, Germany

‘We present developement and characterization of a Herriott-style mul-
tipass cell aimed at achieving ultrashort pulses with high peak power.
The setup is used as a driving laser for a high repetition rate HHG
(High Harmonic Generation) source for time-resolved momentum mi-
Croscopy.

The setup compresses the pulses generated by a commercial
Ytterbium-based laser (Carbide, Light Conversion) with an aver-
age power of 50 W and a variable repetition rate between 100kHz
and 1 MHz. The pulses are first spectrally broadened by self-phase-
modulation by passing through a non-linear x(® medium multiple
times. Then, a pair of negative group-dispersion-delay coated mirrors
compress the pulse by dispersion correction. By moving the non-linear
medium within the mulitpass cell we were able to compress the pulses
from 242 fs to around 45 fs for different high repetition rates while keep-
ing a transmission of over 90 % and peak powers between 1 GW and
2GW [1].

[1] A. Omar, et al. Advanced Solid State Lasers, OSA Technical Digest
(Optical Society of America, 2021), paper JM3A.55

O 34.10 Tue 11:00 P3
Multispectral time-resolved energy-momentum microscopy
using high-harmonic extreme ultraviolet radiation — eNiLs
Winph2, MicHaeL HeBer3, DmyTro KuTNvyakHOvV3, FEDERICO
Pressacco®, and Kar RossnagrL24 Hnstitut fiir Experi-
mentalphysik, Universitdit Hamburg, 22761 Hamburg, Germany —
2Ruprecht-Haensel-Labor, Deutsches Elektronen-Synchrotron DESY,
22607 Hamburg, Germany — S3Deutsches Elektronen-Synchrotron
DESY, 22607 Hamburg, Germany — *Institut fiir Experimentelle und
Angewandte Physik, Christian-Albrechts-Universitat zu Kiel, 24098
Kiel, Germany

A 790-nm-driven high-harmonic generation source with a repetition
rate of 6 kHz is combined with a toroidal-grating monochromator and
a high-detection-efficiency photoelectron time-of-flight momentum mi-
croscope to enable time- and momentum-resolved photoemission spec-
troscopy over a spectral range of 23.6-45.5eV with sub-100-fs time
resolution. Three-dimensional (3D) Fermi surface mapping is demon-
strated on graphene-covered Ir(111) with energy and momentum reso-
lutions of <100 meV and <0.1 A-1 respectively. The table-top exper-
iment sets the stage for measuring the k,-dependent ultrafast dynam-
ics of 3D electronic structure, including band structure, Fermi surface,
and carrier dynamics in 3D materials as well as 3D orbital dynamics
in molecular layers.
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O 35: Poster Tuesday: Plasmonics and Nanooptics 1

Time: Tuesday 11:00-13:00

O 35.1 Tue 11:00 P3
Positioning of DNA origami based nanostructures on sur-
faces by lithographic patterning — Zug Liu!, Zunnao Wana?,
BirkA LALKENsS®, DArsuNnc Park2, JaNNIK GUCKEL2, JULIANE
BREITFELDER®, and eMaRrkus Erzkorn! — !nstitute of Applied
Physics, Technische Universitdt Braunschweig, 38106 Braunschweig,
Germany — 2Physikalisch Technische Bundesanstalt, 38116 Braun-
schweig, Germany — 3Institute of Semiconductor Technology, Tech-
nische Universitat Braunschweig, 38106 Braunschweig, Germany

Self-assembly protocols of functionalized DNA-origami structures can
be used to create large amounts of identical hybrid nanostructures. We
use this approach to create structures with tunable plasmonic proper-
ties. In our study, dimers of 15 nm gold nanoparticles with an average
gap of 7 nm were self-assembled in solution. In order to control the
positioning of such DNA-origami structures on surfaces, we created
surface areas with hydrophobic/hydrophilic contrast by electron beam
lithography and dry oxidative etching. This protocol offers positional
control on the sub 10 nm scale. Here we will present results for hex-
amethyldisilazane (HDMS) covered silicon, but the approach can be
utilized for various substrates and nanostructures. Our origami/dimer
structure shows highly selective adsorption on different lithographically
patterned structures. We achieve an efficiency in positioning, that is
the ratio of origami in wanted to those in unwanted positions, of above
95%. Important parameters controlling the efficiency are discussed.

0 35.2 Tue 11:00 P3
Investigation of the plasmonic Phase-Change Materials
AgSnTes and In3SbTes for tuning nanoantenna resonances —
oKiLiaAN WILDEN, Lukas CoNRADS, ANDREAS HESSLER, MATTHIAS
Wurtic, and THoMAs TAUBNER — I. Institute of Physics (IA),
RWTH Aachen University

Providing a high optical contrast between their amorphous and crys-
talline phases, phase-change materials (PCMs) can serve for many ap-
plications in nanophotonics. [1] Optical pulses can be used for switch-
ing between those two states. This enables the tunability of antenna
resonances by changing the surrounding medium. Currently, a novel
material class of switchable infrared plasmonic PCMs is rising, which is
characterized by a negative permittivity and therefore a Drude-like be-
haviour in the crystalline. This plasmonic PCM In3SbTez (IST) offers
resonance tuning by reconfiguring the antenna shapes of rod antennas
and even more complex ones with magnetic resonances.[2] AgSnTes
(AST) is another plasmonic PCM with a smaller plasma frequency
and higher plasmonic losses than IST. Here, we investigate directly
optically written antenna structures of crystalline AST. The quality of
the plasmonic resonances is compared to IST antennas. Furthermore,
the well-established concepts of reconfiguring antenna geometries are
applied to inverse antenna structures, in which amorphous holes are
created in a crystalline plasmonic surrounding. Their resonance be-
havior can be described by Babinet’s principle. [1] M. Wuttig, H.
Bhaskaran and T. Taubner, Nature Photonics 11, 465-476 (2017). [2]
A. HeRler et al., Nature Communications 12, 924 (2021).

O 35.3 Tue 11:00 P3
Large area writing of reconfigurable metasurfaces with
the plasmonic PCM In3SbTe, — eNaraLie Honng!, Lukas
ConraDps!, ANDREAs ULMm2, ANDREAs HEsSLER!, MATTHIAS
Wurtic!, RoBerr Scumitt?, and THoMAs TAUBNER! — 1. Insti-
tute of Physics (IA), RWTH Aachen University — 2Fraunhoferinstitut

fir Produktionstechnologie

Phase-change materials (PCMs) are optimal candidates for optical
components being non-volatile and reversibly switchable. Their amor-
phous and crystalline phases differ tremendously in their properties.
Conventional PCMs exhibit a large contrast in their refractive index
and can be used to tune antenna resonances by influencing their sur-
rounding.[1] Recently, plasmonic PCMs, like In3SbTes, has been intro-
duced. They switch between a dielectric (amorphous) and a metallic
(crystalline) phase in the complete IR and enable optical writing of
metallic nanoantennas directly in a dielectric surrounding.[2] Large
area writing of reconfigurable metasurfaces is a key feature for tune-
able nanophotonic devices. Here, the Nanoscribe Photonic Pofessional
GT is used, a femtosecond laser writer with an infrared wavelength.
Large area direct laser crystallization is investigated to fabricate an-
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tenna arrays of several hundred micrometers. Finally, a beam steering
device is designed and fabricated. This work paves the way towards
large area fabrication of functional metasurfaces in the IR with the
ability of rapid prototyping for IR nanophotonic devices.

1. Wuttig et al., Nature Photonics 11,465 (2017)

2. Hefler et al., Nature Communications 12, 924 (2021)

O 35.4 Tue 11:00 P3
Direct Writing of Chiral and Nonlinear Plasmonic Devices —
e ALEKSEI TSARAPKIN!, VIcTOR DEINHART!, THORSTEN FEICHTNERZ,
and Karja HorLicn! — !Ferdinand-Braun-Institut gGmbH, 12489
Berlin, Germany — 2University of Wiirzburg, 97074 Wiirzburg, Ger-

many

The miniaturization of electrical and optical components allowed many
technological and economic advancements over the last decades. De-
vices that permit control over the polarization of light are crucial in
telecommunication and quantum optics but are usually realized as
bulky optical systems and thus require further miniaturization. Here
we aim at designing a uniquely compact converter and detector based
on nanostructures. The device consists of a vertically oriented gold
double helix coupled to a planar two-wire transmission line. The he-
lix acts as a sensitive antenna for circularly polarized light, while the
plasmonic transmission line guides plasmons on-chip. With numeric
analysis we show that antisymmetric modes can be excited in both
double helix and two-wire waveguide allowing spatial matching. Fur-
thermore, one can match impedances of both components to maxi-
mize power transfer by adjusting their sizes. Finally, we developed
fabrication protocols: while the helix can be directly written with an
electron-induced deposition, the plasmonic waveguide can be cut from
single-crystalline gold flake utilizing focused gallium-ion beam milling.
We achieved high structuring resolution with both methods, allowing
for efficient coupling to transform linear to circular polarization while
retaining a device size of just a few microns.

O 35.5 Tue 11:00 P3
Transverse magnetic routing of light emission in hybrid
plasmonic-semiconductor nanostructures: Grating period de-
pendence — eCARrROLIN HARKORT!, LARS KLOMPMAKER!, ALEXAN-
pER N. PoppusNy2, LEoNiD V. Litvin3, RALF JEDE2, GRZEGORZ
Karczewskr?, Sercry CuusnuTpinow?, Tomasz Woustowicz?,
DMITRl R Yakoviev!:2, MaNFrReD Baverb2, and ILya A.
Aximov!? — 1Experimentelle Physik 2, Technische Universitiit Dort-
mund, 44221 Dortmund, Germany — 2St. Petersburg — S5Raith
GmbH, Konrad-Adenauer-Allee 8, 44263 Dortmund, Germany —
4Institute of Physics, Polish Academy of Sciences, PL-02668 Warsaw,
Poland — ®International Research Centre MagTop, PL-02668 Warsaw,
Poland

We use plasmonic gratings to achieve transverse magnetic rout-
ing of the light emission of a nearby quantum well exciton via
an external magnetic field. In a hybrid plasmonic-semiconductor
(Cd,Mn)Te/(Cd,Mg)Te quantum well (QW) structure the effect of
the plasmonic grating period on the directional emission spectra is
measured using a Fourier imaging setup to obtain angular and energy
resolved photoluminescence spectra for opposite transverse magnetic
fields. We achieve a strong directionality of the QW emission of up to
15% at low temperature of about 5K and magnetic fields of 500 mT
with a grating period of 240nm and demonstrate the effect of the
changing SPP dispersion on the directional emission characteristics.

0O 35.6 Tue 11:00 P3
Mapping Lamb, Stark and Purcell effects at a chromophore-
picocavity junction with hyper-resolved fluorescence mi-
croscopy — eANNA Rosrawskal, TomAs NEuManb2:3 BENJAMIN
DorpragNE!, ANDREI G. Borisov?, MICHELANGELO RomEo!, Fab-
RICE SCHEURER!, JAVIER A1zpurua?, and GUILLAUME ScHULL! —
LUniversité de Strasbourg, CNRS, IPCMS, UMR 7504, F-67000 Stras-
bourg, France — 2Center for Materials Physics (CSIC-UPV/EHU) and
DIPC, Paseo Manuel de Lardizabal 5, Donostia - San Sebastian 20018,
Spain — 3Institut des Sciences Moléculaires d’Orsay (ISMO), UMR,
8214, CNRS, Université Paris-Saclay, 91405 Orsay Cedex, France

Light-matter interaction plays a crucial role in the properties of light
emission from single molecules. Here, we show that it can be probed
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with sub-molecular precision thanks to the atomically-confined electro-
magnetic field at the scanning tunneling microscope tip apex, which
acts as a picocavity for localized plasmons. Such strong fields interact
with the molecular exciton via Purcell, Lamb and Stark effects, which
enable tuning the emission energy and line width. Hyper-resolved flu-
orescence maps of these two parameters can be understood as images
of the static charge redistribution upon electronic excitation of the
molecule, and the distribution of the dynamical charge oscillation as-
sociated with the molecular exciton, respectively [1].
[1] A. Rostawska et al., Phys. Rev. X, 12, 011012, 2022.

0 35.7 Tue 11:00 P3
Steps towards fluorescence detected two-dimensional elec-
tronic spectroscopy of a single molecule — ¢SANCHAYEETA JANA
and Markus LippiTz — Chair for Experimental Physics III, Univer-
sity of Bayreuth, Bayreuth, Germany

Two-dimensional electronic spectroscopy (2DES) is an ultrafast spec-
troscopic technique which gives information about the coupling be-
tween molecular energy levels. As spectroscopy of a single molecule
by fluorescence detection is a well established technique, we want to
explore whether fluorescence-detected 2DES is possible at very low
concentrations, ideally even on a single molecule. We use a sequence
of four phase-modulated pulses to excite the molecules and collect the
fluorescence by a high NA objective. The signal amplitude is demod-
ulated at several mixing frequencies to extract the rephasing and non-
rephasing contributions.

In this work, we study the 2D spectra measured from an ensemble

of molecules in solution and discuss the challenges to experimentally
measure 2D spectra from a single molecule.

O 35.8 Tue 11:00 P3
Coupling single epitaxial quantum dots to plasmonic waveg-
uides — eMicHAEL SEIDEL!, Yunur Yang?, SammoN COVRE DA
Siva3, THORSTEN SCHUMACHER!, ARMANDO RASTELLI®, STEPHAN
REerrzeNsTEIN?, and Markus LippiTz! — !Experimental Physics II1,
University of Bayreuth, Germany — 2Institute of Solid State Physics,
TU Berlin, Germany — 3Institute of Semiconductor and Solid State
Physics, Johannes Kepler University Linz, Austria

Integrated plasmonic nanocircuits are highly promising building blocks
for future quantum optical applications. In combination with self-
assembled epitaxially grown GaAs quantum dots as stable, bright and
narrow-band single-photon sources, ultra-compact nanocircuits oper-
ating below the diffraction limit can be designed [1]. A crucial aspect
is the coupling of the quantum dot emission into plasmonic waveg-
uide modes. In this work, we demonstrate the coupling of a single
near-surface GaAs quantum dot to a silver nanowire by introducing a
100nm thick dielectric spacer layer. We characterize the nanostructure
by comparing different imaging methods involving low-temperature
cathodoluminescence and photoluminescence as well as confocal laser
reflection mapping. Supported by 3D numerical simulations, we find
that resonant plasmonic wires can enhance the waveguide coupling
efficiency.
[1] Wu et al., Nano Lett. 2017, 17, 7, 4291-4296

O 36: Overview Talk Hendrik Bluhm

Time: Wednesday 9:30-10:15

Invited Talk 0 36.1 Wed 9:30 S054
Heterogeneous chemistry of liquid-vapor interfaces investi-
gated with X-ray photoelectron spectroscopy — eHENDRIK
Bruum — Fritz Haber Institute of the Max Planck Society, Berlin,
Germany

Liquid-vapor interfaces drive numerous important processes in the en-
vironment and atmosphere, such as the sequestration of CO2 by the

Location: S054

oceans and the uptake and release of trace gases by aerosol droplets.
X-ray photoelectron spectroscopy is an excellent method for the inves-
tigation of liquid-vapor interfaces due to its interface sensitivity and
chemical specificity. In this talk we will discuss the general approach in
XPS experiments on liquid interfaces and present illustrative examples
of the investigation of the heterogeneous chemistry of surfactants and
ions at the interface of aqueous solutions.

O 37: Plasmonics and Nanooptics 1

Time: Wednesday 10:30-12:45

Topical Talk O 37.1 Wed 10:30 H3
Merging integrated photonics with free-electron beams —
e ArMIN FEIST — Max Planck Institute for Multidisciplinary Sciences,
37077 Gottingen, Germany

The coherent coupling of electrons and light is at the heart of free-
electron quantum optics [1]. However, fully exploring its capabilities
requires supreme control over the electron beam and optical quantum
states involved. This suggests combining integrated photonics with
electron microscopy.

In this talk, I will briefly introduce the basic principles and selected
applications of inelastic electron-light scattering in an ultrafast trans-
mission electron microscope (UTEM) [2,3], including the nanoscale
imaging of confined optical modes and shaping of electron beams in
space and time [4].

Recent progress in coupling single electrons to high-Q integrated
photonic microresonators will be discussed, enabling highly efficient
continuous-wave optical phase modulation of electron beams and
nanoscale-peV spectroscopy of a photonic mode [5]. Furthermore,
spontaneous scattering at the empty resonator modes creates electron-
photon pair states [6], opening a pathway towards a new class of her-
alded single-electron or Fock-state photon sources.

[1] K. Wang et al., Optics & Photonics News 31, 35 (2020). [2| Bar-
wick et al., Nature 462, 902 (2009). [3] A. Feist et al., Nature 521,
200 (2015). [4] F.J. Garcia de Abajo & V. Di Giulio, ACS Photonics
8, 945 (2021). [5] J.W. Henke et al., Nature 600, 653 (2021). [6] A.
Feist et al., arXiv:2202.12821 (2022).

0372 Wed 11:00 H3
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Near-field spectroscopic predictions of low-temperature,
gate-tunable plasmon-phonon coupling in the LaAlO3 /SrTiO3
two-dimensional electron gas — eJuLiaAN BARNETT!, Yiconc
Luan!, FELix GUNKEL?, and THomas TauBNER! — 1. Institute of
Physics (IA), RWTH Aachen University — 2Peter Griinberg Institute,

Forschungszentrum Jiilich

Heterointerfaces of SrTiOs and LaAlOgs give rise to a buried two-
dimensional electron gas (2DEG) between polar insulators, that is
very sensitive to local defects but difficult to characterize on the
nanoscale. It was recently shown that scanning near-field optical mi-
croscopy (SNOM) enables the extraction of local 2DEG properties with
nanoscale lateral resolution by using phonon-enhanced near-field spec-
troscopy. Interestingly, the 2DEG mobility increases strongly at low
temperatures and the charge carrier concentration can be tuned via
gating, allowing control over the electronic properties.

Here, we predict that the plasmon-phonon-coupled near-field response
will undergo a transition from a phonon-dominated regime to a
plasmon-dominated regime with rising 2DEG mobility, which trans-
lates to a fundamentally different near-field spectrum. Additionally,
we show that the plasmon-dominated regime could allow for the ex-
traction of the 2DEG depth distribution with nanoscale lateral resolu-
tion, potentially enabling its mapping around defects. These insights
can be directly transferred to the spectroscopic near-field investigation
of 2DEGs, surface accumulation layers, and topologically protected
surface states in a variety of bulk materials and heterostructures.

0373 Wed 11:15 H3

Generation of Rotating Fields via Archimedean Spirals —
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eEsrA ILkE ALBAR, HEikO APPEL, and FrRaANCO BONAFE — Max
Planck Institute for the Structure and Dynamics of Matter, Center for
Free Electron Laser Science,22761 Hamburg, Germany

Twisted light (optical vortex), has the distinctive feature that it car-
ries orbital angular momentum. This special type of electromagnetic
field promises exciting opportunities for the interaction with matter,
and it is expected to enhance spectroscopic techniques. Twisted light
already has a vast potential of applications ranging from astronomy
and optical tweezers to spintronics. Given this broad spectrum of ap-
plications and exciting prospects, it becomes worthwhile to investigate
new and efficient methods to generate optical vortices. In this sense,
metallic Archimedean spirals in the micro- and nanoscale are good can-
didates to produce such vortices. We design Archimedean spirals and
test their performance in terms of generating field vortices. We per-
form numerical simulations with the Octopus code which employs the
Riemann-Silberstein representation to propagate Maxwell’s equations
in real-time. Circularly-polarized light is passed through the designed
structure, which is modeled both as a non-dispersive linear medium,
and as Drude medium. We found that the out-coming field’s angular
momentum is altered by the structure. By using two different ma-
terial models the effect of the materials’ optical properties and the
sole geometrical factors on the angular momentum outcome could be
distinguished.

O 374 Wed 11:30 H3
Theory of radial oscillations in metal nanoparticles driven
by optically induced electron density gradients — eROBERT
SaLzweDEL!, ANDREAs KNorr!, Dominik Hoing?3, HOLGER
Lance?3, and MaLte SeLic! — lInstitut fiir Theoretische Physik,
Nichtlineare Optik und Quantenelektronik, Technische Universitét
Berlin, 10623 Berlin, Germany — 2Institut fiir Physikalische Chemie,
Universitit Hamburg, 20146 Hamburg, Germany — 3The Hamburg
Centre for Ultrafast Imaging, 22761 Hamburg, Germany

Upon optical excitation, metal nanoparticles oscillate in radial breath-
ing modes. These oscillations are assumed to be driven mainly by the
thermalization of hot electrons impulsively heating the lattice, which
can be described classically [1,2]. Based on a combined approach of
quantum hydrodynamics and Heisenberg equations of motion for the
optical excitation of electron gas in metal nanoparticles and the as-
sociated electron-phonon interaction, we discuss the contribution of
additional coherent sources to the radial breathing oscillations.

Our results reveal a more direct coupling mechanism between the
field and phonons compared to the established interpretation of ex-
periments: the optical pulse induces spatial gradients in the electron
density that drive phonon oscillations coherently and directly on the
time scale of the optical excitation. Therefore, thermal and coherent
contributions must be considered in the early times of the oscillation.

[1] Hartland, G. V. et al., JCP, 116, 8048 (2002)

[2] Hodak, J. H. et al., JCP, 111, 8613 (1999)

O 375 Wed 11:45 H3
Near-field imaging of hyperbolic shear polaritons in gal-
lium oxide — eSOREN WASSERROTH!, JosEPH R. Marson?, X1ANG
N13, GruLia CarINI', Karja Diaz-GrANADOSZ, MAXIMILAN OBsT?,
ENricO MAaRIA RENz1®, EMANUELLE GALIFI?, SUSANNE KEHR?,
Lukas M. Enc?, MarriN Worr!, THomas G. FoLLAND®, AN-
pREA ALU3, Josnua D. CALDWELL?, and ALEXANDER PAARMANN! —
IFritz-Haber-Institut der Max-Planck-Gesellschaft, Berlin, Germany
— 2Vanderbilt University, Nashville, USA — 3City University of New
York, New York, USA — 4Technische Universitdt Dresden, Dresden,
Germany — 5University of Iowa, Iowa, USA

Controlling the propagation direction and other properties of light in
a material and at an interface is a very active field in current research.
Strong anisotropy in crystals can lead to a hyperbolic dispersion fea-
turing coupled light-matter interactions known as polaritons with
highly directional propagation. Recently [1], it was shown that the
additional anisotropy in monoclinic crystals, such as beta phase gal-
lium oxide (bGO), gives rise to tilted wave fronts and asymmetric
responses, called hyperbolic shear polaritons (HShPs).

Here, we will show mid-infrared free electron laser based near-field
imaging of HShPs in bGO. Gold discs are used as local emitters on
the bGO substrate. By changing the IR wavelength we observe the
rotation and asymmetry of the HShPs. We compare the obtained
images to simulated near-field contributions.

[1] Passler et al., Nature 602, 595 (2022)
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0 37.6 Wed 12:00 H3
Long-wave infrared super-resolution wide-field microscopy
using sum-frequency generation — eRICHARDA NIEMANN!,
SOREN WAssERROTH!, GUANYU Lu2, CHrisTOPHER R. GUBBINS, SI-
MONE DE LiBERATO?, JosHua D. CaLpwELL?, MARTIN WoLF!, and
ALEXANDER PAARMANN! — !Fritz Haber Institute of the Max Planck
Society, Berlin, Germany — 2Vanderbilt University, Nashville, USA
— 3University of Southampton, UK

We present our approach in infrared-visible (IR-VIS) sum-frequency
generation (SFG) microscopy as a new tool for super-resolution imag-
ing in the IR range.[1] Here, the imaging contrast in the microscope
emerges from the IR resonances while the spatial resolution is pro-
vided by the SFG wavelength, i.e., well below the IR diffraction limit.
As a proof of concept, we study localized phonon polaritons in sub-
diffractional nanostructures made of Silicon Carbide.|[2,3] A free elec-
tron laser as IR light source offers high-power laser pulses with tunable
wavelengths.[4] We are able to resolve phonon polariton modes in indi-
vidual sub-diffractional nanostructures and achieve a spatial resolution
of ~1.4 pm corresponding to A;g/9.[1] Full spectral mapping over the
whole SiC Reststrahlenband allows the spectroscopic identification of
the polariton resonances, while the high spatial resolution reveals the
microscopic origin of the SFG emission.

[1] R. Niemann et al., Appl. Phys. Lett. 120, 131102 (2022)

[2] J.D. Caldwell et al., Nanophotonics 4, 1 (2015)

[3] I. Razdolski et al., Nano Letters 16, 6954 (2016)

[4] W. Schollkopf et al., Proc SPIE 9512, 95121L (2015)

O 377 Wed 12:15 H3
Observation of Hyperbolic Shear Polaritons in Monoclinic
Crystals — eGiuLia Carini!, Nikorar C. PassLer!, XianG Ni2,
Guanawerl Hu?3, Josepa R. Marson?, MARTIN WoLF!, MATHIAS
ScHUBERT?, ANDREA ALU2, Josaua D. CaLpweLL?, Taomas G.
FoLrLanD®, and ALEXANDER PaarmANN! — 1FHI, Berlin, Germany
— 2CUNY, NY, USA — 3NUS, Singapore, Singapore — 4Vanderbilt
University, Nashville, TN,USA — 5University of Nebraska, Lincoln,
NE, USA — SUniversity of Iowa, Iowa City, IA, USA

Surface phonon polaritons, light-matter coupled waves, have recently
attracted much attention due to their versatility in nanophotonic ap-
plications in the infrared. In particular, highly anisotropic materials
have been shown to support hyperbolic polaritons, which enable a deep
sub-wavelength confinement of light [1,2].

In our contribution, we investigate the emergence of a new class
of hyperbolic surface waves, that we call hyperbolic shear polari-
tons (HShPs), in the monoclinic crystal S-gallium oxide (bGO) [3].
The symmetry breaking in the in-plane hyperbolic propagation is di-
rectly linked to the frequency dependence of the optical axis direc-
tions within the monoclinic plane, resulting in shear phenomena in the
non-diagonalizable dielectric permittivity tensor. We experimentally
demonstrate the hyperbolic in-plane dispersion of these new polariton
modes by means of Otto-type prism coupling.

[1] J. D. Caldwell, et al., Nat. Commun. 5, 5221 (2014).

[2] W. Ma, et al., Nature 562, 557-562 (2018).

[3] N. C. Passler, et al., Nature 602, 595-600 (2022).

0 37.8 Wed 12:30 H3
Transverse magnetic routing of light emission in hybrid
plasmonic-semiconductor nanostructures: Towards opera-
tion at room temperature — eLARs KLOMPMAKER!, ALEXAN-
peEr N. Poppusny2, EviUp Yarcin!, Leonip V. LiTvin®, RALF
JepE3, GrzEGORZ KarRCzZEWSKI?, SERGI) CHUSNUTDINOW?, ToMAszZ
Wousrowicz®, DMiTrl R. Yakovievb?2, MANFRED Baverb2, and
Itva A. Axkimov!2 — 1Experimentelle Physik 2, Technische Univer-
sitit Dortmund, 44221 Dortmund, Germany — 2St. Petersburg —
3Raith GmbH, Konrad-Adenauer-Allee 8, 44263 Dortmund, Germany
— “Institute of Physics, Polish Academy of Sciences, P1-02668 War-
saw, Poland — ®International Research Centre MagTop, PL-02668
‘Warsaw, Poland

We studied the transverse magnetic routing of light emission from a hy-
brid plasmonic-semiconductor quantum well (QW) structure where the
exciton emission from the QW is routed into surface plasmon polari-
tons propagating along a nearby semiconductor-metal interface. In our
diluted magnetic semiconductor (Cd,Mn)Te/(Cd,Mg)Te QW structure
the magnitude of routing is governed by the circular polarization of the
exciton optical transitions, induced by the magnetic field. A strong di-
rectionality of emission of 15 % was measured at low temperatures of
20 K, but for increasing temperatures it decreases to 4 % at about 65 K
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due to the decreasing magnetic susceptibility. To avoid this strong tem-
perature dependence we also suggest an alternative design based on a

non-magnetic (In,Ga)As/(In,Al)As QW structure.

O 38: Solid-Liquid Interfaces 4: Reactions and Electrochemistry

Time: Wednesday 10:30-12:30

Topical Talk O 38.1 Wed 10:30 H4
Electrochemical Microcalorimetry — eRoLF ScHUSTER and
Marco ScuonNic — Institute of Physical Chemistry, Karlsruhe In-
stitute of Technology, 76131 Karlsruhe, Germany

We investigate electrochemical reactions at single electrodes by mea-
suring the accompanying heat changes. The heat reversibly exchanged
during an electrode process is directly correlated to the reaction en-
tropy of the half-cell reaction including all side reactions, e.g., order-
ing processes of the solvent or coadsorption processes of anions. Thus,
measuring the heat exchange during an electrochemical process pro-
vides independent information on the ongoing reaction, which is com-
plementary, e.g., to the potential-current relation, usually measured
by cyclic voltammetry or impedance spectroscopy.

In this contribution we will briefly discuss some theoretical aspects of
electrochemical microcalorimetry of single electrodes and present our
strategy to measure the heat evolution upon surface electrochemical
processes. With our setup we are sensitive to heat effects originat-
ing from minute conversions of a few percent of a monolayer of an
electroactive species.

We will present examples for entropy changes upon anion adsorp-
tion and double layer charging on Au(111) and discuss the effect of
configurational entropy of the adlayer. The hydrogen adsorption on
Pt-films deals as an example of a prototypical surface electrochemical
reaction. Time-resolved studies of the heat evolution during Cu bulk
deposition will demonstrate the implications from heat measurements
on the subsequent reaction steps of this complex reaction.

O 38.2 Wed 11:00 H4
Direct Assessment of the Proton Affinity of Individual Sur-
face Hydroxyls with AFM and DFT — eBErRND MEYER!, MAR-
GARETA WAGNER?, MARTIN SETVIN?, MIicHAEL ScHMID?, and UL-
RIKE DiEBoLD? — lInterdisciplinary Center for Molecular Materials
and Computer Chemistry Center, FAU Erlangen-Niirnberg, Germany
— 2Institute of Applied Physics, TU Wien, Austria

The state of protonation/deprotonation of individual surface sites has
far-ranging implications in all areas of chemistry. However, common
experimental measurements of surface acidity are integral techniques
which give only average quantities integrated over the whole surface.
Here we show that an OH-functionalized tip of an atomic force mi-
croscope (AFM) can be used for quantitative insights into the acid-
ity of individual surface OH groups [1]. The chosen model oxide,
InyO3(111), offers four types of surface O atoms with distinct proper-
ties, each giving rise to a characteristic force-distance curve after pro-
tonation. Density-functional theory (DFT) calculations demonstrate
a linear correlation between the force minimum and the proton affinity
of the surface hydroxyls. By benchmarking the calculations to known
proton affinities and pK, values of gas-phase molecules, the force min-
ima provide a direct measure of proton affinity distributions and pKj,
differences at the atomic scale.

[1] M. Wagner, B. Meyer, M. Setvin, M. Schmid, U. Diebold,
Nature 592 (2021) 722-725

0O 38.3 Wed 11:15 H4
Revisiting the OH adsorption on Pt(111) in static water en-
vironments — e ALEXANDRA C. DAviLa LoprEz, Nicoras G. HORr-
MANN, THORBEN EcGGERT, and KARSTEN REUTER — Fritz-Haber-
Institut der Max-Planck-Gesellschaft, Berlin, Germany

The partial solvation of adsorbates typically leads to altered adsorp-
tion energies at solid-liquid interfaces as compared to vacuum. While
such solvation effects can be treated most accurately based on ab ini-
tio molecular dynamics simulations, an according description is hardly
feasible for a large number of systems e.g. across different substrates,
adsorbates and adsorbate coverages due to prohibitive computational
costs. As a result, many studies rely on an approximate treatment
based on static water environments. In this work, we study solvation
effects based on our previously introduced method [1] to generate a
wide range of different static water adlayers. In particular, we analyze
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the adsorption energy of solvated OH on Pt(111) for a variety of ex-
plicit solvation environments and OH configurations. The results are
benchmarked against available theoretical and experimental literature
data [2, 3], and they highlight prevailing uncertainties in the descrip-
tion of solvation effects.

[1] A. C. Davila et al., J. Chem. Phys. 155, 194702 (2021).

[2] V. Tripkovi¢ et al., Electrochim. Acta 55, 7975*7981 (2010).

[3] H. H. Kristoffersen et al., Chem. Sci., 9, 6912-6921 (2018).

O 38.4 Wed 11:30 H4
Measuring the reaction volume of an electrochemical surface
process: Cu underpotential deposition on Au(111) — eLisa
HirscH, Bianca KrumMm, TAMARA MEYER, and ROLF SCHUSTER —
Karlsruhe Institute of Technology

Information about the reaction volume of electrochemical surface reac-
tions is rather scarce [1-3] albeit this thermodynamic quantity would
allow conclusions on solvent contribution and possible side processes.
With a specifically designed electrochemical cell, we determined the
variation of the cell potential of a (111)-textured Au-film in CuSO4
/ H2SO4 vs a Cu reference electrode, while applying pressure pulses
of moderate amplitude (< 10 bar) and durations of several seconds,
starting at different rest potentials. According to the pressure de-
pendend potential variation, we calculated the reaction volume ArV
of the processes at the working electrode. For rest potentials in
the Cu UPD region, ArV varies only slightly (& 8cm3/mol) around
ARV = 18cm? /mol, its value for Cu bulk deposition, moderately peak-
ing upon formation of the V3 x \/§> Cu UPD structure. Positive of
the Cu UPD, in the sulfate adsorption region, ArV drops to smaller
values. We check the integrity of the measured potential variations by
their dependence on the pressure amplitude as well as by measuring
the symmetrical Cu\CuQﬂSOiTCu cells.

[1] Conway, B. E., Currie, J. C., J. Chem. Soc., 74, 1978, 1390-1402.
[2] Loewe, T., Baltruschat, H., Phys. Chem. Chem. Phys., 7, 2005,
379-384. [3] Heusler, K. E., Gaiser, L., Ber. Bunsenges. Phys. Chem.,
73, 1969, 1059-1068.

0 38.5 Wed 11:45 H4

Enter the Void: Cavity Formation at Metal-Water In-

terfaces — oTHORBEN FEacaerr!2, Nicoras G. HORMANNI,
and KARSTEN REUTER! — !Fritz-Haber-Institut der Max-Planck-
Gesellschaft, Berlin, Germany — 2Technical University of Munich,

Munich, Germany

Cavity formation is an important concept when rationalizing the sol-
vation of ions. However, most studies analyze cavities only in bulk lig-
uids, omitting that their properties may change dramatically at solid-
liquid interfaces.

Here, we study cavities at interfaces, particularly their free energy
of formation based on molecular dynamics simulations. Specifically,
we use a particle insertion approach, as well as the Multistate Bennett
Acceptance Ratio method. We demonstrate that cavity formation at
interfaces is dependent on the substrate material, which can be par-
tially rationalized by the substrate-specific interfacial water structure.
Furthermore, we observe stabilized cavities behind the first solvation
layer of water.

These results might on the one hand rationalize recent theoretical
suggestions of a non-electrostatic, attractive force on ions near in-
terfaces, and on the other hand enable the improvement of implicit
solvation models, which typically neglect substrate-specificity in their
description.

O 38.6 Wed 12:00 H4
Impact of confined water on solvation and adsorp-
tion/desorption energetics of charged ions at the electri-
fied interface — eZHENYU WaANG, MIRA TopoOROvA, and JORG
NEUGEBAUER — Department of Computational Materials Design,
Max-Planck-Institut fiir Eisenforschung, Max-Planck-Str.-1, D-40237,
Diisseldorf, Germany
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Understanding processes at electrified solid/liquid interfaces is crucial
for many systems and a wide range of applications in electrochemical
industry, catalytic sciences and biological engineering. Using a pro-
totypical model system of a single ion in water confined between two
charged electrodes, we perform nanosecond-scale atomistic molecular
dynamics simulations to study the dielectric behavior of chemically
pure water as well as the solvation of ions in the presence of an electric
field. For weak electric fields we find that the screening charge density
of water is proportional to the external electric intensity, in agreement
with classical polarization theory. Probing the interface structure by
the single Na+/Cl- ion we investigate the formation and evolution of
the ion’s solvation shell as function of the electrode-ion distance. Com-
paring potential profiles from Na+ /Cl- calculations for different charge
states and positions, we elucidate the role of screening and solvation
shell size on reorganization energies and transmission barrier of the
ions close to the interface.

O 38.7 Wed 12:15 H4
Are organic solvents key to enable CO;z electro-reduction
on MoyC as promised in theory? — eTHoMAS MAIREGGER!,

CHRISTOPH GRIESSER!, HaoBO Li2, NicoLas HORMANN3, KARSTEN

ReuTeR?, and JuLia KuNze-LiEBHAUSER! — !Department of Phys-
ical Chemistry, Innsbruck, Austria — 2University of Adelaide, Ade-
laide, Australia — 3Fritz Haber Institute, Berlin, Germany

It has been proposed in active-site computational screening studies
that MogC is an effective electrocatalyst for the electrochemical CO2
reduction reaction (CO2RR) to valuable fuels, such as hydrocarbons
and alcohols. However, the competing hydrogen evolution reaction
(HER) has been found to exclusively take place.[1] Reason for this is
the formation of a surface oxide film upon air exposure or immersion
of Mo2C into aqueous electrolytes that impedes the formation of the
desired higher reduction products.[1]

Here we investigate the CO2RR activity of polycrystalline hexagonal
Mo2C in non-aqueous electrolyte to avoid passivation of the electrode
and circumvent the high HER activity. We show that MoxC is capable
of reducing COg in reasonable amounts in an acetonitrile electrolyte,
with an onset at -1.08 Vggg.[1] The nature of the products, among
them gaseous CO, depends on the concentration of water in the elec-
trolyte. Furthermore, we show that the acetonitrile has a stronger
impact on the CO2 electro-reduction than previously believed.

[1] Griesser, C., et. al., ACS Catalysis 11, 4920-4928 (2021).

O 39: Tribology

Time: Wednesday 10:30-12:15

0O 39.1 Wed 10:30 H6
Automated calculation of surface energies of arbitrary crys-
tals — eFIRAT YaLcIN and MicHAEL WoLLocH — Computational
Materials Physics, Faculty of Physics, University of Vienna, Kolingasse
14-16, 1090 Vienna

The surface energy is one of the most fundamental properties of the
surface facets of a crystal, determining the stability, equilibrium shape,
catalytic activity, and other phenomena like surface segregation and
roughening. In this work, we present a high-throughput workflow to
calculate the surface energies of arbitrary crystals, accounting for all
possible Miller indices and different terminations, using density func-
tional theory (DFT). By employing available open-source libraries and
custom-made tools, every step from querying bulk structures from
various databases to the generation of slabs with precise geometries
and subsequent DFT calculations is performed automatically and with
minimal user input. Surface energies, Wulff shapes, as well as all in-
and outputs, are automatically saved into an easily accessible, OPTI-
MADE compliant database. Example results are presented for some
non-trivial surfaces with complex geometries to showcase the capabil-
ities and validate our approach.

0 39.2 Wed 10:45 HG6
High-throughput calculations of heterogeneous interfaces for
tribology — eMIcHAEL WoLLocH 2, GaBRIELE Losi®, OMAR
CuenaMI®, FIrRaT YaLcIN!, MAUurRo FERRARIO?, and M. CLELIA
RicHI® — 1CMP, University of Vienna, Vienna, Austria — 2VASP
software GmbH, Vienna, Austria — 3DIFA, University of Bologna,

Bologna, Italy — 4FIM, UNIMORE, Modena, Italy

We have shown in the past that fundamental properties of sliding in-
terfaces like adhesion, friction, and ultimate strength, are closely con-
nected to one another and the re-arrangement of charge at the interface
[1-3]. We extended the previously presented approach for homogeneous
interfaces to nearly arbitrary interfaces of crystalline surfaces, allowing
us to treat heterogeneous interfaces of multi component systems [4].

In this talk we will present the fault tolerant and fully automatic
workflow we developed, as well as initial results of the ongoing high-
throughput studies we are conducting.

Part of this work was supported by ERC grant 865633 (SLIDE); [1]
Wolloch et al. Sci. Rep. 9, 17062 (2019), [2] Restuccia et al. Comput.
Mater. Sci., 154:517-529 (2018), [3] Wolloch et al. PRL 121, 026804
(2018) [4] Wolloch et al. Comput. Mater. Sci., 207:111302 (2022)

0 39.3 Wed 11:00 H6
The Influence of Temperature and Wear on Nanoscale Fric-
tion Anisotropy — eJENNIFER KONRAD, DIRK DIETZEL, and ANDRE
ScHIRMEISEN — Institute of Applied Physics, Justus-Liebig University
Giessen, 35392 Giessen, Germany

On atomically flat surfaces, the nanoscale friction force measured by
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atomic force microscopy shows a distinct variations dependent on the
sliding direction of the AFM-tip. This anisotropy occurs as a conse-
quence of the surface structure and is related to different energy barrier
heights along different directions of the sample surface. In this work,
this anisotropy of friction force is now analyzed as a function of tem-
perature under UHV conditions on hexagonal latices like HOPG or
MoS2 and also on ionic crystals with 90 degree symmetry like NaCl.
At low sample temperatures, the friction force as deduced from the
thermally activated Prandtl Tomlinson Model increases, and thermally
activated random jumps become more unlikely, which direct influences
the stability of the different sliding directions. This can be confirmed
for HOPG and MoS2, while, our results for the ionic crystals addi-
tionally show that the both the absolute friction and the anisotropy
are not only influenced by temperature, but also reflect temperature
dependent wear effects.

0O 394 Wed 11:15 H6
Dissipative frictional mechanism over Moiré superstructure
— eYiMING Soncl, Xianag Gao2, AnToINE HiNauT!, SEBASTIAN
ScrerB!, Suyu Huancg!, OpeEp Hob2, MicHAEL URBAKHZ, and
ERNST MEYER! — ! Department of Physics, University of Basel, Basel,
Switzerland — 2Department of Physical Chemistry, School of Chem-
istry, The Raymond and Beverly Sackler Faculty of Exact Sciences
and The Sackler Center for Computational Molecular and Materials
Science, Tel Aviv University, Tel Aviv, Israel.

Friction force microscopy experiments performed on graphene-coated
platinum surfaces that exhibit a variety of moiré superstructures
demonstrate that, in addition to the well-known atomic stick-slip dy-
namics, a new dominant energy dissipation mechanism emerges. The
observed velocity dependence of friction displays two distinct regimes:
(i) at low velocities, the friction force is small and nearly constant;
whereas (ii) above some threshold, friction increases logarithmically
with velocity. The threshold velocity, separating the two frictional
regimes, decreases with increasing normal load and moiré superstruc-
ture period. Atomistic molecular dynamics simulations demonstrate
that the main contribution to frictional energy dissipation results from
the elastic deformation and subsequent relaxation of moiré ridges
caused by the pushing action of the tip as it slides over the su-
perstructure. Based on the simulation results we develop a semi-
phenomological model, which makes it possible to calculate friction
under measurement conditions and provides excellent agreement with
the experimental observations.

0 39.5 Wed 11:30 H6
Investigating thermal and directional motion in molec-
ular friction processes by photonic force microscopy —
eSUBHROKOLI GHOSH and ALEXANDER RoHRBACH — Lab for Bio- and
Nano-Photonics, Department of Microsystems Engineering (IMTEK),
University of Freiburg, Georges-Koehler-Allee 102, 79110 Freiburg,
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Friction of a moving particle is a complex process of energy dissipation
to the environment, which is important on most length scales, time
scales and across disciplines. Several theories approach the molecular
origin of friction, but a comprehensive understanding is still missing.
Usually, the relation between dynamic friction and velocity is quanti-
fied by a coefficient, which depends on various parameters. Two main
routes to determine the friction coefficient can be addressed by either
from a directed particle motion or from its thermal motion. In both
cases, Photonic Force Microscopy (PFM) has proven to be one of the
most elegant techniques that can be utilized to better understand fric-
tion on mesoscopic length scales, specially at soft (-bio) interfaces.
Towards this aim, we employ PFM with high-frequency axial tracking
for directed and frequency dependent measurements of different bead-
surface model systems, starting from simple poly-styrene (PS) bead-
glass surface. From Brownian dynamics simulations, in combination
with experiments, we obtain better insights on the friction coefficient
and its dependency on different system parameters. From this, we de-
veloped a theoretical model describing the microscopic origin of friction
through molecular on- and off-binding processes.

0 39.6 Wed 11:45 H6
Single Asperity Sliding Friction across the Superconducting
Phase Transition — WEN WaNG, eDirk DIETZEL, and ANDRE
ScHIRMEISEN — Institute of Applied Physics, Justus Liebig Univer-
sity Giessen, Giessen, Germany
When analyzing sliding friction, it is usually an intriguing question to
identify the different dissipation mechanisms contributing to friction.
Usually, a number of different channels for dissipation are considered
including phonon and electron systems, plastic deformation, and crack
formation. Among these, especially the role of the electron system
for energy dissipation often remains elusive. In this contribution, we
now present experiments single asperity sliding friction monitored dur-
ing AFM-measurements on a high-T. BSCCO-superconductor. These
measurements reveal a distinct temperature dependence of friction in
a temperature range between 40 K and 300 K [1]. While the over-
all friction decreases with temperature as predicted by models about

thermally activated friction, we find a distinct friction peak at about
95K. This peak can be explained by a superposition of different energy
dissipation channels, where the influence of electronic contributions
vanishes when cooling below the superconducting phase transition 7%.
Our experiments thereby unambiguously link electronic friction effects
to the number of normal state electrons in the superconducting phase
below T.. In addition, we analyze single asperity friction of BSCCO
in the proximity of step-edges, where layer-defects reveal the potential
influence of the topmost-layer on electronic friction contributions. [1]
Wang, Dietzel, Schirmeisen, Science Advances, eaay0165 (2020)

0 39.7 Wed 12:00 H6
Fingerprint of a structural phase transition during super-
lubric sliding — eEBrRuU Cman':2, Dirk DieTzEL!, and ANDRE
ScuirMEISEN! — lInstitute of Applied Physics, Justus-Liebig Uni-
versity Giessen, 35392 Giessen — 2Institute for Materials Science, TU
Dresden, 01062 Dresden

Although the fundamental concept of structural superlubricity (i.e.
ultra-low friction observed between clean and atomically flat, incom-
mensurate surfaces) is very straightforward, the effective energy barrier
for lateral motion still depends on the exact structural dynamics at the
sliding interface. In fact, it can be computationally predicted that the
superlubricity of amorphous structures is less effective than that of
crystalline structures, however this is not always easy to demonstrate
experimentally. But we have now overcome this challenge by measur-
ing the friction of antimony nanoparticles on highly oriented pyrolythic
graphite in the high temperature regime, i.e. between 300 K and 750 K,
where the interface can be restructured. At about 450 K, we trigger a
phase transition in antimony nanoparticles, which also allows us to es-
tablish a direct link between friction and the interface structure. More
specifically, our experiments reveal that the friction level decreases in
the more crystalline state where the collective force cancellations are
more effective. Due to the irreversible character of the phase transi-
tion, a reduced friction level can then also be observed after cooling
back to room temperature. The reduction of friction can be associated
with a decrease of the characteristic scaling factor of about 16%, as
theoretically anticipated from the ’scaling law’ for superlubricity.

O 40: Organic Molecules at Surfaces 4: Chemistry on Surfaces

Time: Wednesday 10:30-12:45

O 40.1 Wed 10:30 S051
On-surface synthesis of planar w-extended cyclopara-
phenylenes featuring an all-armchair edge topology — FEIFEI
Xiang!, SVEN MaiseL?, Sumit BentwaLl, VLADIMIR AKHMETOVZ3,
CorDULA RUPPENSTEIN®, MIRUNALINT DEVARAJULU!, ANDREAS
Do6RrRRY, OLENA PapaianiNa®, ANDREAS GORLINGZ, KONSTANTIN
AwmsHARovV??, and eSABINE Marer! — !FAU Erlangen-Niirnberg,
Dept. of Physik — 2FAU Erlangen-Niirnberg, Dept. of Chemistry and
Pharmacy — 2Institute for Chemistry, University Halle-Wittenberg

[n]cycloparaphenylenes ([n]CPPs) have attracted significant atten-
tion due to their unique cyclic structure and highly effective para-
conjugation leading to a myriad of fascinating (opto-)electronic prop-
erties. However, their strained topology prevents the m-extension of
CPPs to convert them either into armchair nanobelts or planarized
CPP macrocycles. We have successfully tackled this long-standing
challenge and present the bottom-up synthesis and characterization of
atomically precise in-plane w-extended [12]CPP on Au(111) by low-
temperature scanning probe microscopy/spectroscopy combined with
density functional theory.[1] The planar m-extended CPP represents
the first nanographene with an all-armchair edge topology. The ex-
clusive para-conjugation at the periphery yields delocalized electronic
states and the planarization maximizes the overlap of p-orbitals, which
both reduce the bandgap compared to conventional CPP. Calculations
predict ring currents and global aromaticity in the doubly charged
system.

[1] F. Xiang et al., Nat. Chem. 2022, doi: 10.1038/s41557-022-00968-3.

0 40.2 Wed 10:45 S051

Electronic Properties of N-Heterotriangulene based
Charge Transfer Complexes — eMousEN Ajpari!, RonJA
PAPPENBERGER!, INA MicHALSKY2?, LEONIE Papl!, CHRISTIAN

Huck!, MarviIN HoFFMANN®, FRIEDRICH Maass!, MiLan KivaLaZ2,
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ANDREAS DrEuwS3, and PreTrrRa TrGEDER! — !Physikalisch-
Chemisches Institut, Universitdt Heidelberg 20rganisch-
Chemisches Institut, Centre for Advanced Materials, Universitat Hei-
delberg — 3Interdisziplindres Zentrum fiir Wissenschaftliches Rech-
nen, Universitdt Heidelberg

N-heterotriangulenes (N-HTAs) are a class of organic electron-
transporting semiconductors that belong to N-heteropolycyclic aro-
matic compounds, which are promising candidates for a variety of
(opto) electronic applications. In this study, electronic high-resolution
electron energy loss spectroscopy (HREELS) in combination with
quantum-chemical theory are utilized to investigate the electronic
properties of two N-HTA derivatives, N-HTA-550 and N-HTA-557 on
Au(111). In addition, formation of charge transfer complexes (CTCs)
with N-HTAs, acting as donor molecules in combination with two well-
known cyano-based electron acceptor molecules, TCNQ and F4ATCNQ
is identified. Our findings indicate that formation of the 7-membered
ring in N-HTA-557 by adding the -C=C- bridge leads to a narrowing
of the optical gap size by 0.9 eV and a decrease in the first triplet
state energy by 1.2 eV. Moreover, all donor/acceptor bilayer systems
on Au(111) exhibit low-lying electronic transitions between 0.9 and 2.2
eV, which are attributed to the formation of CTCs.

O 40.3 Wed 11:00 S051
N-Heterotriangulenes Donors and Charge Transfer Com-
plexes formed with strong Electron Acceptors investigated
with Two-Photon Photoemission Spectroscopy — eJakoB
STEIDEL!, INA MicHALSKYZ, MiLaN KivaLa?, and PETRA TEGEDER!
— Institute of Physical Chemistry, Heidelberg University, Im Neuen-
heimer Feld 253, 69120 Heidelberg — 2Institute of Organic Chemistry,
Heidelberg University, Im Neuenheimer Feld 270, 69120 Heidelberg

Many opto-electronic devices such as organic photovoltaic cells or
organic light emitting diodes utilize donor-acceptor-systems (D-A-
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systems). Triphenylamine derivatives are promising candidates for
donors in D-A-systems.1 The introduction of an etheno-bridge in the
planar triphenylamine derivative indolo[3,2,1-jk]|carbazole (N-HTA-
550) creates a seven membered antiaromatic ring in the resulting N-
Heterotriangulene-557 (N-HTA-557). While the molecular geometry is
mostly preserved, the electronic structure is strongly modified by this
additional -C=C-moiety.

In the present contribution we study the electronic properties of N-
HTA-550 and N-HTA-557 on a Au(111) surface using two-photon pho-
toemission (2PPE) spectroscopy and temperature programmed desorp-
tion (TPD). Furthermore the formation of charge transfer complexes
with strong electron acceptors (TCNQ and FATCNQ) is investigated
utilizing both 2PPE and TPD.

O 40.4 Wed 11:15 S051
Remarkably table metal-organic networks on an inert sub-
strate: Ni-, Fe-, and Mn-TCNQ on graphene — eZDENEK
Jakus!, Anna KurowskA!, OnpREJ Hericn!, LENKA CerNAlL,
LukAS Kormos!, AzIN SHAHSAVAR!, PAVEL ProcuAzkal, and Jan
CecuaLl2 — ICEITEC, Brno University of Technology, Czechia —
2Faculty of Mechanical Engineering, Brno University of Technology,
Czechia

Potential applications of 2D metal-organic frameworks (MOF) require
the frameworks to be monophase and well-defined at the atomic scale,
to be decoupled from the supporting substrate, and to remain stable
at the application conditions. Here, we present three systems meet-
ing this elusive set of requirements: M-TCNQ (M = Ni, Fe, Mn) on
epitaxial graphene/Ir(111). We study the systems experimentally by
scanning tunneling microscopy, low energy electron microscopy and x-
ray photoelectron spectroscopy. When synthesized on graphene, the
2D M-TCNQ MOFs are monophase with M1 (TCNQ); stoichiometry,
and we demonstrate their remarkable chemical and thermal stability:
All the studied systems survive exposure to ambient conditions, with
Ni-TCNQ doing so without any significant changes to its atomic-scale
structure or chemical state. Thermally, the most stable system is Fe-
TCNQ which remains stable above 500 °C, while all the tested MOFs
survive heating to 250 °C. Overall, the modular M-TCNQ/graphene
system combines the atomic-scale definition required for fundamental
studies with the robustness needed for applications, thus it presents
an ideal model for research in single atom catalysis or spintronics.

0 40.5 Wed 11:30 S051
Control of overlayer-substrate coupling via alkali doping in

two-dimensional metal-organic networks — eBILLAL SoHAIL!,

Pui. J. Browey?, Tien-Lin Lee3, PaurL T. P. Rvan®, Davip
A. Duncan3, Giovannt ConsTANTINIY, D. PuiL. WoobpRUFF!, and
REINHARD J. MAURER! — 1 University of Warwick — 2University of

Leeds — 3Diamond Light Source

We characterise a two-dimensional donor-acceptor network formed by
coadsorption of alkali atoms and the prototypical acceptor molecule
TCNQ (7,7,8,8-tetracyanoquinodimethane) at different orientations of
Ag surfaces. We characterise the adsorption structure with a combi-
nation of normal incidence x-ray standing wave (NIXSW) measure-
ments, Scanning Tunnelling Microscopy, and dispersion-inclusive Den-
sity Functional Theory, which we find to be in excellent agreement
with experiment. The adsorption structure sensitively depends on an
inter- play of molecule-metal charge transfer and long-range dispersion
forces, which are influenced by the co-adsorption ratio between alkali
atoms and TCNQ. In general, alkali atom co-adsorption reduces the
molecule-substrate interaction strength, yet is energetically favoured
compared to TCNQ co-adsorption with Ag adatoms. We show that
the donor-acceptor ratio in the network is able to control the overlayer-
substrate interaction, which strongly affects electronic properties such
as the work function and the level alignment at the interface. There-
fore, the concentration of alkali donor atoms can be used to tune elec-
tronic properties of the interface.

O 40.6 Wed 11:45 S051
Analysis of the 3-dimensional adsorption configuration of
organic molecules by SPM manipulation and imaging —
e ALEXANDER IHLE!, DANIEL EBELING!, DaNIEL KoHRs2, HERMANN
A. WEGNER?, and ANDRE ScHIRMEISEN! — lInstitute of Applied
Physics, Justus Liebig University Giessen — 2Institute of Organic
Chemistry, Justus Liebig University Giessen

On-surface chemistry is a powerful tool for building covalent molec-
ular structures such as chains, networks, or graphene nanoribbons
(GNRs). In particular, the catalytic properties of the metal substrate
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as well as the 2D confinement facilitate the synthesis of new struc-
tures that are not accessible via solution chemistry. The Ullmann
type coupling is one of the most frequently applied on-surface reac-
tion for synthesizing C-C bonded structures. However, only limited
information is available about the three dimensional adsorption con-
formation of the molecular educts and how this affects the reaction
pathway. Here, we studied on-surface reactions of 9-X-10-(1,17:3",1"-
terphenyl-5’-yl)anthracene (X= bromine, iodine) on Cu(111), Ag(111)
and Au(111). Using low-temperature atomic force microscopy with
CO-functionalized tips, we can identify the precise adsorption con-
formation of the pristine molecules as well as the intermediate and
final products. In particular, the three dimensional conformation of
the intermediates strongly inhibits the intermolecular coupling reac-
tion between the educts on all surfaces. Instead, intramolecular bond
formation is observed.

O 40.7 Wed 12:00 S051
STM growth studies of 5,14-0l-5,14-diborapentacyclo on low-
index coinage metal surfaces — eWun-CuanGc Pan!, Jing
Q1!, Carina MOTzEL?, PAuLA WEBER!, FRANK WURTHNER?, and
MarTHIAS BoDE! — 1Physikalisches Institut, Experimentelle Physik
II, Universitat Wiirzburg, Am Hubland, D-97074 Wiirzburg, Germany
— 2Institut fiir Organische Chemie & Center for Nanosystems Chem-
istry (CNC), Universitdt Wiirzburg, Am Hubland, D-97074 Wiirzburg,
Germany

In recent studies [1, 2|, heteroatoms-doped precursors have frequently
been used to polymerize graphene nanoribbons with a large variety of
structures or dopant heteroatoms. Using cryogenic scanning tunnel-
ing microscopy, we investigated the structure of self-assembled 5,14-ol-
5,14-diborapentacyclo (CM218) on low-index coinage metal surfaces.
The main focus of our study is on CM218 on Ag(111), where we find
that molecular clusters and chains coexist with molecular islands. At
low annealing temperature Tynn < 100°C, the islands exhibit a rail
track-like structure with a rhomboid-shaped unit cell. Besides, we find
irregular clusters and molecular chains. At higher Tgnn > 180°C, is-
lands with a honeycomb (HC) structure are observed. Topographic
images of these HCs display a pronounced bias dependence. Molecule-
functionalized tips allow for high-resolution images of these structures
for which we suggest structural models.

[1] L. Grill and S. Hecht, Nature Chemistry 12, 115 (2020).

[2] Q. Zhong et al., Nature Chemistry 13, 1133 (2021).

O 40.8 Wed 12:15 S051
Surface chemistry of dibromoindigo - effects of tempera-
ture and type of surface — eManNueLa Hockel2, MICHAEL
ScumitTEL?, WorLreang HeckLb2, and Markus LackiNnGERD:2
— Deutsches Museum, 80538 Miinchen — 2Technische Universitét
Miinchen, Physics Department, 85748 Garching — 3Center of Micro

and Nanochemistry, Universitit Siegen, 57068 Siegen, Germany

Mother Nature offers a great variety of suitable halogenated com-
pounds, which can readily be used as precursor for on-surface Ullmann
couplings. Here, we study the thermally activated surface chemistry of
the famous dye Tyrian purple (6,6’-dibromoindigo) comparatively on
Ag(111) and Au(111) by Scanning-Tunneling-Microscopy. On Au(111)
we observed two distinct self-assembled structures comprised of fully
intact molecules. Covalent structures were obtained either by de-
position onto hot surfaces or subsequent heating, where the heating
rate is crucial. On Ag(111) only one self-assembled structure was ob-
served. The organometallic structures obtained upon debromination
rarely exhibited the anticipated linear structure. Instead, we find re-
markably diverse structures. The additional functionalization of 6,6’-
dibromindigo with potent H-bond donor and acceptor groups renders
the on-surface polymerization of this compound particularly prone to
additional influences of supramolecular bonds with a vivid contribu-
tion of the co-adsorbed dissociated bromine atoms. Moreover, the sur-
prisingly large variation of the organometallic structures on Ag(111)
and the profound dependence on preparation parameters indicate an
unexpectedly large kinetic influence.

0 40.9 Wed 12:30 S051
Interface-driven Assembly of Pentacene/MoS; Lateral Het-
erostructures: A Combined STM and DFT Study — eSERGIO
Tosoni}, FrRaNcEsco TumiNo2, ANDI RaBia2, ANDREA L1 Bassi?,
and CarLo Casari?> — !Dipartimento di Scienza dei materiali, Uni-
versita di Milano-Bicocca, via Roberto Cozzi 55, I-20125 Milano, Italy
— 2Dipartimento di Energia, Politecnico di Milano, via G. Ponzio
34/3, Milano, 1-20133, Italy
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Mixed-dimensional van der Waals heterostructures formed by molec-
ular assemblies and 2D materials provide a novel platform for funda-
mental nanoscience and future nanoelectronics applications. Here we
investigate a hybrid heterostructure between pentacene molecules and
2D MoS2 nanocrystals deposited on Au(111) by means of Scanning
Tunneling Microscopy and Density Functional Theory calculations.
In the MoS2/Au interface, the lattice mismatch leads to the growth
of extended monolayer films displaying a non-commensurate lattice
with the metal substrate and typical features of point defects, identi-

fied as single sulfur vacancies.

The formation of atomically thin pentacene/MoSs lateral het-
erostructures is observed on the Au substrate. Interestingly, the in-
ner regions of the MoS> layer are not covered by pentacene. The
density of states changes sharply across the pentacene/MoS» interface
indicating a weak interfacial coupling, which leaves unaltered the elec-
tronic signature of MoSs edge states. This work unveils the growth
of abrupt lateral heterostructures toward hybrid devices based on or-
ganic/inorganic one-dimensional junctions.

O 41: Graphene: Growth, Substrate Interaction, Intercalation, and Doping

Time: Wednesday 10:30-12:30

O 41.1 Wed 10:30 S052
Using polyaromatic hydrocarbons for graphene growth —
eMarTHEW A. SToODLEY!:2, BENEDIKT P. KLEIN!'2, LUKE A.
RocHrorDp?, MarTHEW EDMONDSON2, MARc WALKER?, TIEN-LIN
Lee!, ALEXANDER SAYWELL?, REINHARD J. MAURER?, and Davip
A. Duncan! — 'Diamond Light Source, Didcot, United Kingdom —
2University of Warwick, Coventry, United Kingdom — 3University of
Nottingham, Nottingham, United Kingdom

Graphene, due to its widespread potential applications, has been one of
the most studied materials this century. The most common approach
to produce high quality graphene is through epitaxial growth utilising
chemical vapour deposition (CVD) on copper surfaces. This method
exploits the catalytic activity of copper to form highly crystalline, large
area graphene. Traditionally, precursors used to grow graphene on
Cu(111) require high pressures and elevated substrate temperatures,
however, many cutting edge characterisation techniques cannot be used
at such conditions. In this work, polyaromatic hydrocarbons (PAH)
are used to grow high quality graphene on Cu(111) via CVD at rela-
tively low surface temperatures. Furthermore, the low vapour pressure
of the PAH permits us to synthesise graphene films in ultra-high vac-
uum conditions. We present a characterization of the grown graphene,
by utilising a wide variety of techniques including Scanning Tunnelling
Microscopy, X-ray photoelectron spectroscopy, normal incidence x-ray
standing waves, and near edge X-ray adsorption fine structure.

O 41.2 Wed 10:45 S052
Stone-Wales defect: molecular model system reveals in-
creased interaction with Cu(111) surface eBENEDIKT
P. Kiein!23 Apexanper IurLe?, Steran R. Kacser!, Lukas
RuppENTHAL!, SAMUEL J. HaLL?, DANIEL EBELING?, RALF TONNER-
Zecu!, REINHARD J. MAURER?, ANDRE ScHIRMEISEN?, and J.
MicHAEL GoTTFRIED! — !Philipps-Universitit Marburg, Germany
— 2University of Warwick, Coventry, UK — 3Diamond Light Source,

Didcot, UK — 4Justus-Liebig-Universitit Giefen, Germany

The properties of the graphene/metal interface are crucially influ-
enced by the enhanced interaction of defects in the graphene layer
with the metal substrate. However, due to experimental and computa-
tional constraints, it is difficult to investigate this interaction directly.
We combine calculations with experimental analysis of large organic
molecules adsorbed on metal surfaces as molecular model systems. We
chose two model molecules, azupyrene and pyrene, which have the same
aromatic topology as the prototypical Stone-Wales defect and the ideal
graphene lattice, respectively. When adsorbed on the Cu(111) surface,
we could show using TPD that the model defect binds much stronger
to the surface. nc-AFM and NIXSW results furthermore prove a re-
duction in adsorption height while XPS, UPS, and NEXAFS show an
increased electronic hybridisation between molecule and surface. DFT
results agree with these findings and show a localized interaction with
the metal surface, both for the molecular model systems and the defect
embedded into the graphene layer.

O 41.3 Wed 11:00 S052
Determining the stability and catalytic formation of graphene
on liquid Cu using machine-learning potentials — eHao Gaol,
VALENTINA BrLova2?, Macies Jankowski?, HEnDRik H. HEENEN!,
GiLLEs RENAUD?, and KARSTEN REUTER! — !Fritz-Haber-Institut

der MPG, Berlin, Germany — 2ESRF, Grenoble, France
The recently discovered rapid, high-quality synthesis of graphene (Gr)

on liquid Cu catalysts is microscopically still poorly understood. This
is due to the difficult characterization of the Cu liquid surface. Espe-
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cially in atomistic simulations, the large length and time scales nec-
essary to reliably emulate the temporal evolution of the liquid are a
major challenge. Corresponding molecular dynamics simulations re-
quire large simulation cells and need to span well into the nanosecond
regime — an endeavor presently intractable via first-principles meth-
ods. In this work we use computationally efficient machine-learning
potentials (MLPs) trained to density-functional theory (DFT) data
in order to extrapolate the first-principles predictive power to the re-
quired scales. Detailed benchmarking confirms that our MLP captures
the involved physics well, accurately reproducing the experimentally
determined Gr adsorption height. We apply the MLP to further study
the catalytic mechanism of Gr synthesis in order to rationalize distinct
reaction kinetics found experimentally. Our work draws a path for the
use of reliably trained MLPs as a multiscale modeling technique to
explore previously unchartered computational problems. In that we
provide new insight into the domain of liquid metal catalysts which
generally lack atomic-scale understanding.

O 41.4 Wed 11:15 S052
Properties of epitaxial graphene on various SiC termina-
tions and polytypes investigated by low-energy electron mi-
croscopy — ePuiLip ScuApricH!2, Davoop MoOMENI PAKDEHI3,
FLoriaN Speck!2, Kraus Pierz®, and THomas SEYLLER!:2
ITechnische Universitit Chemnitz, Chemnitz, Germany — 2Center
for Materials, Architectures and Integration of Nanomembranes
(MAIN), Chemnitz, Germany — S3Physikalisch-Technische Bunde-
sanstalt, Braunschweig, Germany

The epitaxial growth of graphene on SiC has been improved from UHV
growth to ambient pressure synthesis [1], and recently to the polymer-
assisted sublimation growth (PASG) [2]. It results in an enhanced
nucleation of the buffer layer and suppressed step bunching, which
usually occurs upon the graphene formation by sublimation. Thus,
PASG leads to homogeneous monolayer graphene with minimum step
size equivalent to one or two SiC-bilayers. As a result of the latter,
graphene on various surface terminations of the SiC substrate can now
be systematically studied.

We utilize low-energy electron microscopy (LEEM) to identify the
underlying substrate structure and to elucidate its delicate impact on
the characteristic I(V) curves for different SiC polytypes. In addition,
we investigate how the decoupling of the buffer layer from the substrate
by hydrogen intercalation [3]| influences the aforementioned effects.

[1] K. V. Emtsev et al., Nat. Mat. 8, 203 (2009). [2] M. Kruskopf
et al., 2D Mater. 3 (4), 041002 (2016). [3] C. Riedl et al., PRL 103,
246804 (2009).

O 41.5 Wed 11:30 S052
Quasiparticle Interference Effects Revealed in Potassium-
Intercalated Epitaxial Monolayer Graphene ToBIAS
HueEMPFNER, eFELIX OTTO, ROMAN FORKER, and TORSTEN FRITZ
— Institute of Solid State Physics, Friedrich Schiller University Jena,
Helmholtzweg 5, 07743 Jena, Germany

Epitaxial graphene is known for its fascinating physical properties,
such as a linear dispersion at the K point, an anomalous quantum
Hall effect and even superconductivity. These effects are based on the
unique electronic structure of graphene, which can be tuned, e.g., by
intercalation of metals. In this study, we scrutinize samples of epi-
taxial monolayer graphene (EMLG) on SiC(0001) intercalated with
potassium by means of local and area-averaging experimental meth-
ods at low temperatures. For the highest accessible K concentration
we find a highly ordered (2 x 2) superstructure that the K atoms form
below the uppermost graphene layer. Further, we observe that the K



Regensburg 2022 — O

Wednesday

atoms also reside below the buffer layer of the EMLG on SiC(0001)
sample that is located between the quasi-freestanding graphene sheet
and the SiC substrate. This causes an effective decoupling of the buffer
layer and a transformation to K-intercalated epitaxial bilayer graphene
(EBLG). This configuration promotes strong n-doping of the graphene
sheets, where besides a rigid shift of the Dirac bands to higher binding
energies also filling of two parabolic interlayer bands is observed.

O 41.6 Wed 11:45 S052
Structural and electronic properties of a van der Waals het-
erostructure of two-dimensional Pb and epitaxial graphene
— eBHARTI MaATTA, PHILIPP ROSENZWEIG, OLAF BOLKENBAAS,
KarHrIN KUsSTER, and ULRICH STARKE — Max-Planck-Institut fiir
Festkorperforschung, Heisenbergstrafe 1, 70569 Stuttgart, Germany

Intercalation is an established technique for manipulating the elec-
tronic properties of epitaxial graphene. Moreover, it is a way to
confine otherwise unstable two-dimensional (2D) layers of elements,
leading to unique physical properties compared to their bulk counter-
parts due to quantum confinement. In this work, we show uniformly
Pb-intercalated quasi-freestanding monolayer graphene on SiC, which
turns out to be essentially charge neutral. Additional bands — some
crossing the Fermi level — can be clearly discerned, demonstrating the
metallic character of 2D Pb sandwiched within the graphene/SiC het-
erointerface. The band velocity of the graphene Dirac cone changes
at binding energies of around 0.6 €V and 1.1 €V, which points towards
hybridization with these Pb bands. Low-energy electron diffraction
reveals a 10x10 Moiré periodicity with respect to graphene. This is
consistent with a triangular lattice of intercalated Pb that is strained
by less than 2% relative to bulk-truncated Pb(111) and of which a
(\/§>< \/§)R30° supercell matches 2x2-SiC. However, finding direct sig-
natures of the corresponding periodicities in the available band struc-
ture data is challenging. Our experimental results will provide a solid
ground for further theoretical assessment of this system and better
understanding of its properties.

O 41.7 Wed 12:00 S052
Surface Transport Properties of Pb- and Sn-intercalated
Graphene — oM. GruscuwiITz, C. GHOSAL, Z. MaMIYEV, J. KocCH,
S. Wovrrr, T. SEYLLER, and C. TEGENKAMP — Institut fiir Physik,
Technische Universitat Chemnitz, Chemnitz, Germany

Intercalation experiments on epitaxial graphene are attracting a lot of
attention at present as a tool to boost further the electronic proper-
ties of 2D graphene. In this work we studied the intercalation of Pb
using buffer layers on 6H-SiC(0001). Recent DFT calculations suggest

Pb atoms to act as electron donors thus allowing the doping level of
the quasi-freestanding graphene layer to be tuned by the amount of
intercalated material [1].

In this work we present results about the large-area intercalation
of Pb and Sn, investigated by means of electron diffraction, scanning
tunneling microscopy, photoelectron spectroscopy and in-situ surface
transport. The intercalation of Pb and Sn results in formation of al-
most charge neutral graphene. In case of Pb, the intercalated layer
consists of 2 ML and shows a strong structural corrugation. The
epitaxial heterostructure provides an extremely high conductivity of
o = 100 mS/0. However, below 70 K we found a metal-insulator
transition which we assign to the formation of minigaps in epitaxial
graphene, possibly induced by a static distortion of graphene following
the corrugation of the interface layer [2]. Sn intercalation does not
cause such a transition while yielding a conductivity of o = 2.5 mS/O.

[1] J. Wang et al., PRB 103, 085403 (2021); [2] M. Gruschwitz et
al., Materials 14, 7706 (2021)

0 41.8 Wed 12:15 S052
Electron correlation effects in highly-doped single-layer
graphene — oVIviEN ENENKEL!, PHILIPP Rosenzweic?, Hrac
KARAKACHIAN?, FABIAN Pascuki!, ULricH STARKE?, and MIKHAIL
FoNnIN! — 1Fachbereich Physik, Universitat Konstanz, 78457 Kon-
stanz, Germany — 2Max-Planck-Institut fiir Festkorperforschung,

Heisenbergstrafte 1, 70569 Stuttgart, Germany

Electronic correlations in graphene are expected to be strongly en-
hanced when there is a very high density of states at the Fermi level,
giving rise to many-body states such as superconductivity or charge
density waves (CDW) [1]. While the latter have been reported for
example in Ca-intercalated bilayer graphene [2,3], in case of epitaxial
monolayer graphene no direct evidence of correlated electronic ground
states has yet been reported. We investigate heavily n-doped mono-
layer graphene on SiC(0001), obtained by Yb intercalation underneath
zero-layer graphene. Here, a van Hove singularity (VHS) is pushed to
the Fermi level, giving rise to an extended VHS, effectively pinning an
almost non-dispersive flat band at EF [4]. Low-temperature STM re-
veals several distinct structures of Yb-intercalated graphene, which we
attribute to differing arrangements of the Yb at the interface. dI/dU
spectra show a pronounced gap feature centered at EF, whose response
to field and temperature variations allows the interpretation of the fea-
ture as a CDW state. [1] M. L. Kiesel et al., Phys. Rev. B 86, 020507
(2012); [2] R. Shimizu et al., Phys. Rev. Lett., 114, 146103 (2015); [3]
S. Ichinokura et al., ACS Nano 10, 2, 2761 (2016); [4] P. Rosenzweig
et al., Phys. Rev. B 100, 035445 (2019).

O 42: Metal substrates 2

Time: Wednesday 10:30-11:45

O 42.1 Wed 10:30 S053
Atomic structure determination of epitaxially grown tin

perovskite CsSnBrz on gold surfaces — eMapAD ABBAsSLI',

JENNY ScHRAGE!, JiaqQr Carl, JerEMy HIEULLE?, ALEX REDINGERZ,
CARsTEN Busse!, and RoBIN Oumann® — !University of Siegen, De-
partment of Physics, Germany — 2University of Luxembourg, Depart-

ment of Physics and Materials Science, Luxembourg

Tin perovskites can be efficient and environmentally friendly substi-
tutions to lead perovskites, but they have a drawback due to oxida-
tion from Sn?* to Sn**. Here, we present an in-situ study of epi-
taxially grown CsSnBrz on Au(111) and Au(100) in ultrahigh vac-
uum (UHV) using scanning tunneling microscopy (STM), low en-
ergy electron diffraction (LEED) and x-ray photoelectron spectroscopy
(XPS). By co-evaporation of the precursor molecules CsBr and SnBra
submonolayers up to a few monolayers are obtained. On Au(111),
CsSnBr3 grows in three differently oriented domains due to the hexag-
onal symmetry of the substrate. On Au(100), which has square sym-
metry, identical to CsSnBr3z, but with about half of the lattice constant
of the perovskite, we observe a (2x2) superstructure. Chemical analysis
shows no indication of tin oxidation, which demonstrates the impor-
tance of preparation of tin perovskites in vacuum using evaporation.

0 42.2 Wed 10:45 S053
Peculiar growth of Mn on Ir (111) investigated by SP-STM
— ®ARTURO RODRIGUEZ SoTa, VISHESH SAXENA, ANDRE KUBET-
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Location: S053

ZKA, JONAS SPETHMANN, ROLAND WIESENDANGER, and KIRSTEN VON
BeErceMANN — Institut fiir Nanostruktur- und Festkorperphysik, Uni-
versitdt Hamburg

The growth of metallic layers has been studied for many years, from
single atom coverages via clusters and islands to extended films. The
experimental parameters used during the growth, such as deposition
temperature or amount of material, determine the resulting phase.
Usually, only one phase is present for a given preparation, but for eu-
ropium on graphene the coexistence of clusters and islands of has been
documented. This was attributed to several effects including charge
transfer from the metal clusters to the substrate in a precise window
of coverage and temperature [1].

Here we study the growth of Mn on Ir(111) using spin polarized
scanning tunneling microscopy (SP-STM). In this metallic system we
have found the coexistence of clusters and islands for any Mn sub-
monolayer coverage. We have characterized the clusters in detail at
low temperature and found several different configurations made out
of three atoms. The Mn islands exhibit a reconstruction that disap-
pears when the layer is completely closed. The monolayer presents the
Néel state as its magnetic ground state.

[1] D. F. Forster et al.,, New J. Phys. 14, 023022 (2012).

0 42.3 Wed 11:00 S053
Breaking down of Stoner band ferromagnetism induced by
interface formation — eDavip Janas!, ANDREA DROGHETTI?,

IuLia Cosocariu®, VitaLly Fever3, STerano Ponzoni', Mi-
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Los Raponiié?, Ivan Runccer®?, Liviu CHIONCEL®, GIlovanni
ZaMBORLINI', and Mirko CincHETTI! — 1TU Dortmund Univer-
sity, Dortmund, Germany — 2Trinity College, Dublin, Ireland —
3Forschungszentrum Jiilich, Jiilich, Germany — “University of Bel-
grade, Belgrade, Serbia — ®National Physics Laboratory, Teddington,
United Kingdom — SUniversity of Augsburg, Augsburg, Germany

Interfaces between ferromagnetic transition metals and molecules or
atoms display intriguing spin properties that have been invoked to ex-
plain the peculiar behavior of a variety of molecular spintronic and
spin-optoelectronic devices [1]. Despite its relevance, a satisfying
model for the hybridization occurring at such interfaces has not yet
been presented. Experimentally, this is due to the lack of information
on the interface band structure in the whole Brillouin zone, while, the-
oretically, the role of electron correlation has up to now mostly been
neglected. Here, we overcome these limitations using state-of-the-art
experimental and theoretical methods to explore the model interface
between iron and an ordered oxygen layer. We use spin-resolved mo-
mentum microscopy to provide access to the complete spin-resolved
interface band structure and explain our findings using DFT+X5 cal-
culations that go beyond the one-electron approximation [2].

[1] Cinchetti, M. et al. Nature Mater 16, 507-515 (2017).

[2] Droghetti, A. et al. Phys. Rev. B 105, 115129 (2022).

O 424 Wed 11:15 S053
Computational screening of self-intercalated transition metal
dichalcogenides for enhanced electrocatalytic activity —
oSTEFANO AMERICO and KRisTiAN S. THYGESEN — Center for
Atomic-scale Materials Design, Department of Physics, Technical Uni-
versity of Denmark, DK - 2800 Kongens Lyngby, Denmark

Self-intercalation of metal atoms in bilayer transition metal dichalco-
genides (TMD) has been recently realized experimentally through
chemical vapor deposition (CVD) and molecular beam epitaxy (MBE),
giving rise to completely new phases of the materials with controlled
stoichiometry. However, little is known yet about the possible appli-
cations for this novel class of compounds. In this work, we use density

O 43: Frontiers of Electronic Structure Theory:
Materials 1

Time: Wednesday 10:30-13:00

O 43.1 Wed 10:30 S054
Structure of Amorphous Phosphorus from Machine Learning-
Driven Simulations — eYuXiNG ZHouU, WILLIAM KIRKPATRICK,
and VoLKER L. DERINGER — Department of Chemistry, Inorganic
Chemistry Laboratory, University of Oxford Oxford OX1 3QR, UK

Amorphous phosphorus (a-P) has long attracted interest because of
its complex atomic structure, and more recently as an anode material
for batteries. However, accurately describing and understanding a-P
at the atomistic level remains a challenge. In this talk, we show that
a general-purpose Gaussian approximation potential (GAP) model for
phosphorus can be created by machine learning (ML) from a suit-
ably chosen ensemble of quantum-mechanical results. Its accuracy
in describing the amorphous phase is demonstrated via large-scale
molecular-dynamics simulations on the atomic structure of a-P: the
calculated structure factors yield good agreement with earlier exper-
imental evidence. Abundant five-membered rings are found in the
structural model, which are the building block of more complex clus-
ters. We provide new insights into the cluster fragments under pres-
sure: an analysis of cluster fragments, large rings, and voids suggests
that moderate pressure (up to about 5 GPa) does not break the connec-
tivity of clusters, but higher pressure does. Changes in the simulated
first sharp diffraction peak during compression and decompression in-
dicate a hysteresis in the recovery of medium-range order. Our work
provides a starting point for further computational studies of a-P, and
more generally it exemplifies how ML-driven modeling can accelerate
the understanding of disordered functional materials.

O 43.2 Wed 10:45 5054

Realistic Structural Properties of Amorphous SiNx from

Machine-Learning-Driven Molecular Dynamics — eGANEsH
KuMAR Navak!, PrRAsHANTH SRINIVASANZ, Juras TopT3, Ros-
TisLav DanieL!, and Davip HorLkc! — !Department of Materials
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functional theory to evaluate the catalytic activity towards electro-
chemical water splitting for 22 self-intercalated TMDs, including both
metallic and semiconducting ones. We assess the thermodynamic and
chemical stability of the compounds at different pH values and perform
a systematic study of the hydrogen and oxygen adsorption energies at
33%, 66% and 100% intercalation degrees, identifying potential an-
ode and cathode materials. Temperature-pressure phase diagrams are
also calculated in order to guide the synthesis of compounds with the
desired intercalation degree through CVD.

O 42,5 Wed 11:30 S053
A p-Photoreactor for Investigating Planar Hydrogen Evolu-
tion Catalysts at Ambient Condition — eCLARA ALETSEE, MAR-
TIN TscHURL, and UgLl HEiz — Physical Chemistry, Department of
Chemistry & Catalysis Research Center, Technical University of Mu-
nich
Photocatalytic water splitting and alcohol reforming offer promising
alternatives for clean Ha production, in contrast to the industrially
applied steam reforming of fossil fuels. However, the understanding
of the reaction mechanisms ,which is indispensable for tailored perfor-
mance improvement, is complicated by the structural complexity of
powdered catalyst. In contrast, well-defined planar catalysts are al-
ready used for fundamental studies in ultra-high vacuum, but a simple
extrapolation of the results to applied conditions is impractical due to
a significant pressure difference.
Herein, we present a p-photoreactor for the evaluation of planar model
catalysts like single crystals or epitaxially grown semiconductors at am-
bient conditions in a continuous gas flow. In this system, the catalyst
serves as the bottom of the reactor, while a 200 pm O-ring on top de-
fines the reactor volume of 12 pL. It is sealed by a UV-vis transparent
lid with lithographically implemented channels for the gas flow toward
the quadrupole mass spectrometer for product analysis. The function-
ality is demonstrated by ethanol photoreforming over a Pt loaded TiOg2
catalyst. This concept will not only enable the evaluation of planar
photocatalysts, but also the investigation of the transferability of UHV
results to applied systems.

Focus on Artificial Intelligence Applied to Real

Location: S054

Science, Montanuniversitit Leoben, Leoben, Austria — 2Franz-Josef-
Strasse 18 — 3Erich Schmid Institute of Materials Science of the Aus-
trian Academy of Sciences, Jahnstrasse 12, Leoben, Austria

Machine-learning(ML)-based interatomic potentials can enable simula-
tions of extended systems with an accuracy that is largely comparable
to DFT, but with a computational cost, that is orders of magnitude
lower. Molecular dynamics simulations further exhibit favorable linear
(order N ) scaling behavior.

Amorphous silicon nitride (a-SiNx) is a widely studied noncrystalline
material, and yet the subtle details of its atomistic structure and me-
chanical properties are still unclear. Due to the small sizes of repre-
sentative models, DFT cannot reliably predict its structural properties
and hence left an anisotropic order parameter. Here, we show that
accurate structural models of a-SiNx can be obtained using an ML-
based inter-atomic potential. Our predictions of structural properties
are validated by experimental values of mass density by X-ray reflec-
tivity measurements and by radial distribution function measured by
synchrotron X- ray diffraction.

Our study demonstrates the broader impact of ML potentials for elu-
cidating structures and properties of technologically important amor-
phous materials.

O 43.3 Wed 11:00 S054
Combined experimental-computational directed sampling ap-
proach to modelling amorphous alumina — e ANGELA HARPER!,
STEFFEN EMGEZ, PIETER Macusin?3, CLARE GREYZ?, and AN-
DREW MoRRIis? — 1Cavendish Laboratory, University of Cambridg
— 2Department of Chemistry, University of Cambridge — 3Institute
for Life Sciences & Chemistry, Hogeschool Utrecht — 4School of Met-

allurgy and Materials, University of Birmingham

Understanding the electronic and atomic level structure of materials is
imperative for discovering the next generation of solid state electronic
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devices. Yet for amorphous materials, it is non-trivial to determine
the exact local ordering. In this talk, I outline a method for modelling
disordered materials, using experimentally directed sampling of static
configurations from ab initio molecular dynamics'. We calculate ex-
perimentally relevant spectra and properties including X-ray absorp-
tion edges, nuclear magnetic resonance chemical shieldings, and the
electronic density of states, with first principles accuracy. This model
is validated on amorphous alumina, a widely used coating material in
electronic devices, and identify two distinct five-fold coordinated ge-
ometries of AlOjs, as well as localised states at the conduction band
minimum. By leveraging both experimental and computational data
in our approach we highlight the need for experimentally informed
calculations which lead to a more detailed understanding of complex
materials, and develop an approach that is widely applicable to the
modelling community.

!Harper, AF et al., Under review (2021)
doi.org/10.33774/chemrxiv-2021-qjzbj

0 43.4 Wed 11:15 S054

Structural phases and thermodynamics of BaTiO3 from an
integrated machine learning model — eLorENzO GicLi', Max
VEIT!, MicaeLeE Kotiuea2, Grovanni Pizzi?, NicoLa MARZARIZ,
and MicHELE CerioTTI} — lLaboratory of Computational Science
and Modeling (COSMO), Institute of Materials, Ecole Polytechnique
Fédérale de Lausanne, CH-1015 Lausanne, Switzerland — 2Theory
and Simulation of Materials (THEOS) and National Centre for Com-
putational Design and Discovery of Novel Materials (MARVEL), Ecole
Polytechnique Fédérale de Lausanne, CH-1015 Lausanne, Switzerland

Modeling the ferroelectric transition of any given material requires
three key ingredients: (1) a model of the potential energy surface, that
describes the energetic response to a structural distortion; (2) the free
energy surface sampled at the relevant, finite-temperature conditions;
and; (3) the polarization of individual configurations that determines
the observed polarization and the phase transitions. To this aim, we
make use of an integrated machine-learning framework, based on a
combination of an interatomic potential and a microscopic polariza-
tion model, which we use to run Molecular Dynamics simulations of
ferroelectrics with the same accuracy of the underlying DFT method,
on time and length scales that are not accessible to direct ab-initio
modeling. This allows us to uncover the microscopic nature of the fer-
roelectric transition in barium titanate (BaTiO3) and to identify the
presence of an order-disorder transition as the main driver of ferroelec-
tricity. The framework also allows us to reconstruct the temperature-
dependent BaTiO3 phase diagram, with first-of-its-kind accuracy.

O 43.5 Wed 11:30 S054
Dielectric properties of BaTiO3 from an integrated machine-
learning model — eMax VErr!, Lorenzo GicLi!, MICHELE
Korrucea2, Girovannt Pizzi?2, NicoLa Marzari?, and MICHELE
CerRoTTI! — Laboratory for Computational Science and Modeling
(COSMO), Ecole Polytechnique Fédérale de Lausanne, Lausanne, CH
— 2Laboratory for Theory and Simulation of Materials (THEOS),

Ecole Polytechnique Fédérale de Lausanne, Lausanne, CH

Modeling the finite-temperature behavior of ferroelectric materials
from first principles has always been challenging due to the large su-
percells and long simulation times required for adequate sampling.
Here we demonstrate the use of an integrated machine learning (ML)
model of the potential energy and polarization surfaces of barium ti-
tanate (BaTiO3) to overcome these difficulties and run long MD simu-
lations with DFT accuracy. We use these simulations to compute the
frequency-dependent dielectric response function, finding a spectrum
qualitatively similar that obtained with previous effective-Hamiltonian
simulations as well as to experimentally measured profiles, with some
remaining discrepancies that we trace back to the underlying DFT
model. Finally, we discuss possible extensions of the model to ex-
plicitly include long-range interactions, previously included only in an
implicit, emergent manner. We expect this integrated, generally ap-
plicable modeling technique to become a valuable tool for elucidating
the ferroelectric behavior of a wide variety of materials.

0O 43.6 Wed 11:45 S054
The first-principles phase diagram of monolayer nanocon-
fined water — eVENKAT KapiLl, CHRISTOPH SCHRAN!, ANDREA
ZEN?, J1 CuEN3, Curis PickarD!, and ANGELOS MICHAELIDES! —
LUniversity of Cambridge, UK — 2Universita di Napoli Federico II,
Ttaly — 3Peking University, Beijing, China

Water in nanoscale cavities is ubiquitous and of central importance to
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everyday phenomena in geology and biology, and at the heart of cur-
rent and future technologies in nano-science. A molecular-level picture
of the structure and dynamics of nano-confined water is a prerequisite
to understanding and controlling the behavior of water under con-
finement. Here we explore a monolayer of water confined within a
graphene-like channel using a framework that combines developments
in high-level electronic structure theory, machine learning, and statis-
tical sampling. This approach enables a treatment of nano-confined
water at unprecedented accuracy. We find that monolayer water ex-
hibits surprisingly rich and diverse phase behavior that is highly sen-
sitive to temperature and the van der Waals pressure acting within
the nano-channel. Monolayer water exhibits numerous molecular ice
phases with melting temperatures that vary by over 400 degrees in a
non-monotonic manner with pressure. In addition, we predict two un-
expected phases: a *hexatic-like* phase, which is an intermediate be-
tween a solid and a liquid, and a superionic phase with a high electrical
conductivity exceeding that of battery materials. Our work suggests
that nano-confinement could be a promising route towards superionic
behaviour at easily accessible conditions.

O 43.7 Wed 12:00 S054
Exploring amorphous graphene with empirical and machine-
learned potentials — eZAKARIYA EL-MacHACHI', MARK WILSONZ,
and VoLKER L. DERINGER! — !Department of Chemistry, Inorganic
Chemistry Laboratory, University of Oxford, Oxford OX1 3QR, UK —
2Department of Chemistry, Physical and Theoretical Chemistry Lab-
oratory, University of Oxford, Oxford OX1 3QZ, UK

The structure of amorphous graphene (aG) lacks long range order
whilst having short and medium range order yielding a rich and com-
plex configurational space, which is yet to be fully understood. Here
we report on an atomistic modelling study of aG using a machine
learning (ML) based force field. ML force fields are typically “trained”
on data from highly accurate but computationally costly density func-
tional theory (DFT) computations. Atomistic models created by such
ML methods can achieve near DFT accuracy at a fraction of the com-
putational cost. One key assumption is that the global energy can be
separated into sums of local energies. The physical interpretation of
ML local energies is an interesting research question. We find that
local and nearest neighbour (NN) ML energies can inform the genera-
tion of aG models from crystalline graphene via a Monte—Carlo bond
switching algorithm. Bond switches are introduced as Stone—Wales
defects, with the local energies of the defect pair and its NNs used in
the acceptance criterion. Established empirical force fields are used
in the same way and the resulting structures are studied. Our results
provide insight into the modelling of amorphous graphene and into the
nature of ML potential-energy models.

O 43.8 Wed 12:15 S054
Machine learning for estimation of spin models in undoped
cuprates — eDENYs Y. Kononenko!, UrricH K. RossLer!,
JEROEN VAN DEN Brink'2) and OreEc Janson! — !Institute for
Theoretical Solid State Physics, IFW Dresden, Dresden, Germany —

2Institute for Theoretical Physics, TU Dresden, Dresden, Germany

Undoped cuprates tailor a fascinating variety of low-dimensional and
frustrated spin models, which can be indirectly characterized by the
transfer integrals. The estimation of transfer integrals is related to a
relatively complicated computational procedure which includes besides
DFT calculation also a Wannierization. We propose a data-driven ap-
proach to replace this computationally demanding procedure.

We employ the Gaussian Process Regression model, trained on the
results of high-throughput DFT calculations to estimate transfer inte-
grals in undoped cuprates. The model learns from data the dependency
between the local crystal environment of copper atoms pair and the
corresponding value of transfer integral. The site position function
of the local crystal environment is represented as a finite-dimensional
vector composed of decomposition coefficients in the truncated basis
of Zernike 3D functions [1]. The vector descriptor incorporates the
spatial configuration and chemical composition of the local crystal en-
vironment. The proposed approach can be utilized for a rapid assess-
ment of the spin models of new cuprates using structural information
as the only input.

[1] M. Novotni and R. Klein, Computer Aided Design 36, 1047 (2004)

O 43.9 Wed 12:30 S054
Machine-learning Based Screening of Lead-free Perovskites
for Photovoltaic Applications — eELIsABETTA LaNDINI!'3, HAR-
ALD OBERHOFER?, and KARsTEN REUTER! — !Fritz-Haber-Institut
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der Max-Planck-Gesellschaft, Faradayweg 4-6, D-14195 Berlin, Ger-
many — 2Chair for Theoretical Physics VII, Physikalisches Institut
Universitit Bayreuth, 95440, Bayreuth, Germany — 3Chair for The-
oretical Chemistry, Technische Universitdt Miinchen, Lichtenbergstr.
4, D-85747 Garching, Germany

Lead-free halide double perovskites are promising stable and non-toxic
alternatives to methylammonium lead iodide in the field of photo-
voltaics. In this context, the most commonly used double perovskite
is Cs2AgBiBrg, due to its favorable charge transport properties [1].
However, the maximum power conversion efficiency obtained for this
material does not exceed 3%, as a consequence of its wide indirect gap
and its intrinsic and extrinsic defects [2]. On the other hand, the ma-
terials space that arises from the substitution of different elements in
the 4 lattice sites of this structure is large and still mostly unexplored.

In this work a neural network is used to predict the band gap of
double perovskites from an initial space of 7056 structures and select
candidates suitable for visible light absorption. Successive hybrid DFT
calculations are used to evaluate the thermodynamic stability and the
power conversion efficiency of the selected compounds, and propose

novel potential solar absorbers.
[1] E.T. McClure et al., Chemistry of Materials 28, 1348 (2016).
[2] X. Yang et al., Energy & Fuels 34,10513 (2020).

0 43.10 Wed 12:45 S054
Equivariant graph neural network for linear scaling electron
density estimation and applications in battery materials —
e ARGHYA BHowMIK and PETER JORGENSEN — 301 Anker Engelunds
vej, Kgs. Lyngby, DK-2800
We present a machine learning framework for the prediction of p(r)
based on equivariant graph message passing neural networks. The
electron density is predicted at special query point vertices that are
part of the message passing graph, but only receive messages. The
model is tested across multiple data sets of molecules (QM9), lig-
uid ethylene carbonate electrolyte (EC) and LixNiyMnzCo(1-y-z)O2
lithium ion battery cathodes (NMC). The model is used to explore
large materials phase space for safer battery materials and uncovering
new understanding how redox mediated diffusion occurs and battery
materials.

O 44: Focus Session: Surfaces and Interfaces of (Incipient) Ferroelectrics (joint session
O/KFM)

Ferroelectricity is a property of materials that allows spontaneous, switchable electric polarization. Re-
cently, many surface-related applications have been proposed where ferroelectric or incipient-ferroelectric
materials exhibit superior properties. These include catalysis, electron-hole separation in light harvest-
ing, unique electronic properties such as a negative capacitance in heterostructures of ferroelectric ma-
terials, to name just a few. While (incipient) ferroelectrics clearly perform well in the aforementioned
applications, there is very limited fundamental understanding of the processes involved on the surfaces

of these materials.

Organizers: Martin Setvin (Charles University, Prague), Chiara Gattinoni (London South Bank Uni-
versity), and Michele Reticcioli (University of Vienna)

Time: Wednesday 15:00-18:30

Topical Talk O 44.1 Wed 15:00 H3
In search of electrostatic happiness at surfaces — eNicoLa
SPALDIN — Materials Theory, ETH Zurich

We review the concept of surface charge in ionic insulators, first, in
the context of the polarization in ferroelectric materials (traditionally
discussed in the ferroelectrics community) and, second, in the context
of layers of charged ions (traditionally discussed in the surface science
community). In both cases, the surface charge leads to an electrostatic
instability if it is not compensated, which is usually detrimental for the
development of electronic devices based on ferroelectrics, but favorable
for applications such as catalysis where surface reactivity is desirable.

Using the prototypical multiferroic bismuth ferrite, BiFeO3, as an
example, we show how the spontaneous ferroelectric polarization and
the charged ionic layers can in fact combine to yield stable, uncharged
“happy” (100) surface geometries. Switching the polarization causes
these (100) surfaces considerable electrostatic distress, which must be
compensated by the introduction of charged point defects or adsor-
bates. We demonstrate that the relative happiness or unhappiness of
the surfaces enables a cycle of alternating charged then neutral ad-
sorbates on polarization switching, which can be exploited for water
remediation and water splitting.

We close with a proposal that these physics can induce polarization
in thin films of certain usually non-polar materials, and give a recipe
for determining likely candidates.

In collaboration with Chiara Gattinoni, Ipek Efe and Marta Rossell

Topical Talk O 44.2 Wed 15:30 H3
Synthesis and Characterisation of Ultra-thin Aurivillius
Phase Multiferroics — eLyNETTE KEENEY — Tyndall National In-
stitute, University College Cork, Lee Maltings Complex, Dyke Parade,
Cork, Ireland, T12 R5CP

Multiferroic materials, possessing simultaneous ferroelectric and ferro-
magnetic memory states, have been road-mapped as promising multi-
state architectures for memory scaling beyond current technologies. In
recent years, my team reported the design of such a novel room tem-
perature multiferroic material with an Aurivillius phase structure that
could ideally be suited to future fabrication of revolutionary memory
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Location: H3

devices. Electrostatic strain and elastic energy variations close to de-
fect regions increase the extent of magnetic partitioning and also influ-
ence the formation of exotic charged domain walls and polar vortices.
This further initiates technology prospects in ultra-compact data stor-
age, energy-efficient neuromorphic computing and ultrahigh speed data
processing. As miniaturisation of electronic devices continues, a crucial
requirement is the enhancement of their functional properties at very
small dimensions. In this presentation, I will discuss how direct liquid
injection chemical vapour deposition allows for frontier-development of
ultra-thin films at fundamental thickness. Via a two-dimensional layer-
by-layer growth mode, films equating to half of one unit-cell (2.5 nm)
of the Aurivillius structure are grown. The persistence of stable ferro-
electricity, even when pushed to ultra-thin thicknesses, demonstrates
the recent progress in the optimisation of Aurivillius phase materials
for utilisation in future miniaturised multiferroic-based devices.

O 44.3 Wed 16:00 H3
Influence of Nb dopants on the polarization and screening on
cleaved SrTiO3(001) surfaces — eIcor SokoLovié!, ALEXAN-
pER HoueNeDER!, JEsus REDONDO?, DoMINIK WRANAZ, MICHAEL
Scumip!, ULrike DieBorp!, and MARTIN SETViN? — lInstitute of
Applied Physics, TU Wien, Vienna, Austria — 2Faculty of Physics
and Mathematics, Charles University, Prague, Czech Republic

The incipient ferroelectric SrTiO3 can turn ferroelectric even at room
temperature under the application of strain, and this quantum phase
transition can be utilized to cleave SrTiOgz single crystals that other-
wise posses no preferable cleavage planes [1]. This cleaving procedure
creates truly bulk-terminated SrTiO3(001) surfaces that come the clos-
est to being pristine [2]|. In this talk, I will present how the SrO- and
TiOg-terminated surface domains of opposite polarity can be influ-
enced by the small changes in the amounts of Nb doping. The cleaved
SrTiO3(001) surfaces with varying Nb doping levels were systemat-
ically studied with atomic resolution using noncontact atomic force
microscopy (ncAFM) and scanning tunneling microscopy (STM). It
was observed that Nb doping does not affect the magnitude of the
strain-induced polarization, yet still significantly affects the morphol-
ogy, the electronic structure, and the domain-wall structure on cleaved
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SrTiO3(001) surfaces. Beside demonstrating the interplay between the
domain distribution and electrostatic screening, these results show how
the properties of these heterogeneous surfaces can be tuned.

[1] Sokolovi¢ et al., Phys. Rev. Mater. 3, 034407 (2019)

[2] Sokolovi¢ et al., Phys. Rev. B 103, 1241406 (2021).

O 44.4 Wed 16:15 H3
Polaronic Properties of the weakly-polar SrTiO3(001) Surface
— eFLorIAN ELLINGER!, MIcHELE RETICCIOLI}, IGOR SOKOLOVIG?,
ULRrIKE DieBoLD?, MARTIN SETVIN®, and CEsARE FraNcHINID#
LUniversity of Vienna — 2Technische Universitit Wien — 3Charles
University Prague — *Universita di Bologna

The SrTiO3(001) surface shows ferroelectric-like distortions on the
bulk-like termination, an out-of-plane dipole moment, and so-called
"weak polarity". Recent experiments propose that these effects are
compensated by Sr-adatoms and -vacancies, stabilizing the unrecon-
structed surface. [1]

We investigate the 1 x 1 SrTiO3(001) surface with TiO2- and SrO-
terminations by means of density functional theory (DFT) simulations.
Our calculations confirm the experimental interpretation and show
that these polarity-compensating surface defects introduce additional
charge. Adsorbing Sr-adatoms and doping with Nb leads to excess
electrons in the crystal, facilitating the formation of electron-polarons.
On the other hand, by creating Sr-vacancies on the surface we intro-
duce excess holes to the system, which can localize as hole-polarons.
For both kinds of polarons we analyze their general properties, e.g.,
the preferred localization site or stability. Further, we compare results
of different structural phases of this crystal to achieve a comprehensive
understanding of mentioned physical phenomena.

[1] Sokolovi¢ et al., Incipient ferroelectricity: A route towards bulk-
terminated SrTiOs3, Phys. Rev. Materials 3, 034407 (2019)

O 44.5 Wed 16:30 H3
Ferroelectric domain imaging in barium titanate using
infrared-visible sum-frequency generation microscopy —
eDOROTHEE MADER!, DANIEL LOURENS2, MAARTEN KwAAITAALZ,
RicHARDA NIEMANN!, SOREN WASSERROTH', SANDY GEWINNER!,
Marco DE Pas!, WIELAND ScCHOLLKOPF!, MARTIN WoLF!, AN-
prEI KIRILYUK?, SEBASTIAN F. MAEHRLEIN', and ALEXANDER
PaarRMANN! — 1Fritz Haber Institute of the Max Planck Society,
Berlin, Germany — 2Radboud Universiteit, Nijmegen, The Nether-

lands

Phonons exhibit a mostly unexplored leverage on the mechanisms and
dynamics of domain formation in ferroics. Here, a new method is
employed combining resonant phonon excitation and ferroelectric do-
main imaging of barium titanate (BTO) using infrared-visible (IR-
VIS) sum-frequency generation (SFG) microscopy [1]. BTO is a non-
centrosymmetric perovskite oxide with a strong ferroelectric polariza-
tion in its tetragonal phase. Typically, BTO samples exhibit a multi-
domain structure. In this contribution, SFG microscopy is shown to
naturally provide domain contrast due to the polarization-induced lo-
cal variation of the nonlinear susceptibility. Additionally, our spectral
analysis of the SFG response reveals the domain-selective phonon res-
onances for all high-frequency phonons in the IR spectral range of
500-800 cm~!. By locally mapping phonon resonances in domains
and domain walls, this approach may enable in-depth understanding
of the underlying physics of domain formation and its dynamics. [1]
R. Niemann et al., Appl. Phys. Lett. 120, 131102 (2022).

Topical Talk O 44.6 Wed 16:45 H3
Water-oxidation catalysis on surfaces of ferroelectrics —
eULRICH AscCHAUER!, NATHALIE VONRUTI', ZHENYUN LAN?, DIDRIK
R. SMABRATEN!, TEis VEGGE2, and Ivano E. CasTrLLI?

IUniversity of Bern, Bern, Switzerland — 2Technical University of

Denmark, Kgs. Lyngby, Denmark

Surfaces of ferroelectrics have unique properties for catalysis since
the binding strength of reaction intermediates can be modulated by
switching the ferroelectric polarization. This could allow to over-
come the limitations of the Sabatier principle and enable dynamical
catalysts operation. In this talk, we will focus on the interplay be-
tween screening charge transfer to surfaces, the adsorbate coverage
and the (photo)electrochemical water-oxidation activity of ferroelec-
tric surfaces. We will compare different ferroelectric materials such as
BaTiOgs, strained LaTiO2N and the hexagonal improper ferroelectric
oxynitride InSnO2N. Our results indicate that ferroelectric switching
can indeed provide an economically interesting route to enhance the
catalytic activity but that material-specific intricacies of the surface

70

adsorbate coverage need to be understood and controlled to exploit
the full potential of ferroelectric switching in (photo)electrocatalysis.

O 44.7 Wed 17:15 H3
The polar KTaO3z (001) surface: Electronic structure and
CO adsorption — Zuicuanc Wanc!, MicHELE RETICCIOLIZ,
7ZDENEK JAKUB!, MIcHAEL ScHMID!, GARETH PaARKINson!, UL-
RIKE DiEBoOLD!, CESARE FRANCHINI?, and e MARTIN SETVING — 1TU
Wien, Vienna, Austria — 2University of Vienna, Vienna, Austria —

3Charles University, Prague, Czech Republic

Polar surfaces offer intriguing physical and chemical properties appli-
cable in electronics or catalysis. Cleaving the KTaOg3 perovskite along
its polar (001) plane provides a well-defined, bulk-terminated surface
with KO and TaOgz terminations [1]. As-cleaved surfaces exhibit a high
concentration of in-gap states; these electrons predominantly reside at
the TaOg-terminated parts of the surface. These electrons can affect
surface chemistry, as is demonstrated for CO molecules. CO has two
adsorption configurations on the TaOg2 termination, and the CO differs
in how it couples to the excess electrons. DFT calculations indicate
that CO preferentially couples to electron bipolarons.

The work was supported by FWF project P32148-N36, by GACR
20-21727X and GAUK Primus/20/SCI/009.

[1] M. Setvin, M. Reticcioli, F. Poelzleitner et al., Science 359, 572
(2018)

O 44.8 Wed 17:30 H3
Polarons and ferroelectricity: tip-induced phenomena on ox-
ide perovskite surfaces — eDomiNik WRANAL, IGOR SokoLovié?,
Jesus REeponpo!, PaveL KocAN!, Aji ALEXANDER', LLORENG
AvLsons!, and MarTIN SETVIN! — !Department of Surface and
Plasma Science, Charles University, Prague, Czech Republic —

?Institute of Applied Physics, TU Wien, Vienna, Austria

In this talk, I will present the similarities and differences be-
tween two representative perovskite oxide surfaces: KTaO3(001) and
BaTiO3(001), showcasing the manifestation of the (incipient-) ferro-
electricity on the atomic and electronic structure. Both surfaces were
prepared by cleaving single crystals in situ and characterized by means
of gPlus nc-AFM at temperatures ranging from 4K to 100K.

Bulk-terminated KTaO3(001) develops two alternating domains of
KO and TaO» [1]. Excess electrons injected from the AFM tip form
quasiparticles called polarons (charges coupled with lattice distortions)
which can be further shaped into 1D or 2D structures by emerging elec-
tric fields.

Different mechanism applies in the case of BaTiO3(001), where at
low temperatures titanium atoms can easily break the symmetry caus-
ing a spontaneous polarization. Hence, a biased tip allows for reversible
manipulation of individual atoms on the surface: writing and erasing
polarized ferroelectric domains.

[1] Setvin, Martin, et al. Science 359.6375 (2018): 572-575

O 44.9 Wed 17:45 H3
Optimisation and miniaturisation of naturally-layered multi-
ferroic thin films — eLyNETTE KEENEY — Tyndall National Insti-
tute, University College Cork, Lee Maltings Complex, Dyke Parade,
Cork, Ireland, T12 R5CP

Multiferroic materials, possessing simultaneous ferroelectric and fer-
romagnetic memory states, are road-mapped as promising multistate
architectures for memory scaling beyond current technologies. In re-
cent years, my team reported the design of such a novel room tem-
perature multiferroic material with an Aurivillius phase structure that
could ideally be suited to future fabrication of revolutionary memory
devices. In this presentation, I will discuss how electrostatic strain
and elastic energy variations close to bismuth oxide interfaces and de-
fect regions are key to promoting magnetic cation partitioning and
multiferroic behaviour. These also influence the formation of exotic
charged domain walls and polar vortices, further initiating technology
prospects in ultra-compact data storage. As miniaturisation of elec-
tronic devices continues, a crucial requirement is the enhancement of
their functional properties at very small dimensions. Direct liquid in-
jection chemical vapour deposition allows for frontier-development of
ultra-thin films at fundamental thickness. Via a two-dimensional layer-
by-layer growth mode, films equating to half of one unit-cell (2.5 nm)
of the Aurivillius structure are grown. The persistence of stable ferro-
electricity, even when pushed to ultra-thin thicknesses, demonstrates
the recent progress in the optimisation of Aurivillius phase materials
for utilisation in future miniaturised multiferroic-based devices.
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Topical Talk 0O 44.10 Wed 18:00 H3

Spin-orbitronics and superconductivity in KTaO3 twodimen-
sional electron gases — ®SRIJANI MALLIK!, GERBOLD MENARD?Z,
GuiLHEM Sa1z2, Huco Wirrh?2, Sara VarorTo!, Luis M.
VIceENTE-ARCHE!, JULIEN BREHIN!, ANNIKA JOHANSsON3, BORGE
Go6BEL*, RAPHABL SALAZAR®, INGRID MERTIG?, LARA BENFATTOS,
NicorLas BrrceaL?, and ManueL Bises! — !Unité Mixte de
Physique CNRS/Thales, Palaiseau, France — 2LPEM ESCPI, Paris,
France — 3MPI, Halle, Germany — *Martin-Luther-Universitat Halle-
Wittenberg, Germany — °Synchrotron SOLEIL, France — SSapienza

University of Rome, Italy
Similar to SrTiO3 (STO) recent research has shown that KTaO3

(KTO) may also harbor a 2DEG at interfaces with several oxide ma-
terials. Due to the presence of Ta (5d element), it is expected that the
Rashba spin-orbit coupling in KTO 2DEGs should be larger than in
STO 2DEGs. Further, (110) and (111)-oriented KTO 2DEG show su-
perconductivity at temperature a factor of ca. 10 higher than in STO
2DEGs. In this talk we will show that 2DEGs can be generated by the
simple deposition of Al metal on KTO single crystals. We will report
their electronic band structure by angle-resolved photoemission spec-
troscopy, evidencing a peculiar Rashba splitting. We will show that
this Rashba state can be harnessed to achieve very efficient spin-charge
interconversion. Finally, we will present microwave impedance spec-
troscopy measurements of the superconducting condensate and discuss
the nature of superconductivity in these systems.

O 45: Focus Session: Catalysis at Liquid Interfaces

Catalysis at liquid Interfaces has emerged as novel approach to explore the highly dynamic, anisotropic
environment of liquid interfaces to create, tailor, and stabilize catalytically active sites with unique
reactivity and performance. With this concept, fundamental problems of catalyst science and technology
can be addressed to develop novel catalytic materials that combine selectivity, productivity, robustness,
and ease of processing at the highest possible level. Thus, the concepts of "Supported Catalytically
Active Liquid Metal Solutions" (SCALMS), interface-enhanced "Supported Ionic Liquid Phase" (SILP)
and advanced "Solid Catalysts with Ionic Liquid Layer" (SCILL) systems are of particular focus.

Organizers: Marcus Bér (Helmholtz-Zentrum Berlin), Jorg Libuda (FAU Erlangen-Niirnberg), Christian

Papp (FAU Erlangen-Niirnberg)
Time: Wednesday 15:00-18:00

Topical Talk O 45.1 Wed 15:00 H4
Addressing Electronic Effects in Catalysis by Intermetallic
Compounds — eMARC ARMBRUSTER — Chemnitz University of
Technology

The catalytic properties of materials are determined by their electronic
and geometric structure. A reliable development addresses both influ-
ences separately and then combines the ideal electronic and structural
properties resulting in superior catalytic materials.

Unfortunately, this is only straightforward on paper. The implemen-
tation faces hurdles concerning the control of the materials. E.g. the
electronic modification of metallic materials by addition of a second
metal with a different electron count can result in substitutional alloys
with (in theory) random distribution of the elements. However, the
sought-for electronic modification is not reachable due to segregation.
Another intrinsic challenge is the geometric and electronic entangle-
ment, i.e. when substituting one element by another, the structure
might change and with it, the electronic properties.

A new approach is the partial substitution of main group elements
in isostructural intermetallic compounds, enabling excellent electronic
control with minimal geometric variation. Taking InPd2 and substi-
tuting In by Sn alters the valence electron count, while the distances
are mostly not affected. Tuning the In/Sn ratio allows to address the
electronic influence with very high resolution. Results in gas-phase
hydrogenation and electrocatalysis are presented as examples of the
broadly applicable approach.

O 45.2 Wed 15:30 H4
Gallium droplets on nanostructured surfaces as matrix ma-
terial for supported liquid metal solutions — e ANDRE HOFER,
Nicora Taccarpi, PETER WASSERSCHEID, and JULIEN BACHMANN
— FAU Erlangen, Germany

A large variety of organic compounds are produced industrially using
a dehydrogenation reaction which removes Ha from a molecule and
hence converts it into a more reactive and valuable product. Usually,
such a reaction is endothermic and needs to be catalysed or performed
at elevated temperatures. Our approach for improving the availability
of the catalyst is the utilization of supported catalytically active liquid
metal solutions (SCALMS). Here, the catalytically active material is
dissolved in a dynamic liquid matrix, protecting it from undesired de-
activation. Ga is used in our approach as the matrix material due to its
outstanding properties. So far, SCALMS catalysis has been performed
with very limited control of particle sizes. Here, we present a model
system to determine the fundamental kinetic parameters of SCALMS
reactions. We fabricate highly ordered, nanostructured substrates by
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electrochemical anodization of Al, generating indentations in a hexago-
nal arrangement with a tunable diameter. These substrates are coated
with acidic or alkaline metal oxides by ALD to affect the surface tension
and wetting behaviour of the Ga droplets. Subsequently, a Ga complex
is spin-coated from organic solution on the surfaces and the elementary
Ga droplets are obtained upon thermal treatment. Parameters rele-
vant to SCALMS application of the surface fabricated are investigated
systematically as they depend on the preparative parameters.

O 45.3 Wed 15:45 H4
Extending the SCALMS concept to ternary
systems — eoMicHAEL MoriTz!, SvEN MaIsEL!, NARAYANAN
RaMAN2, Haiko WITTKAMPER!, CHRisToPH WIcHMANN!, NicoLa
TAccarDI?, PETER WASSERSCHEID?, ANDREAS GORLING!, HaNs-
PETER STEINRUCK!, and CHRisTIAN Papp! — lFriedrich-Alexander-
Universitdt Erlangen-Niirnberg, Department Chemie und Pharmazie,
Egerlandstrafie 3, 91058 Erlangen, Germany — 2Friedrich-Alexander-
Universitdt Erlangen-Nirnberg, Department Chemie- und Bioinge-
nieurwesen, Egerlandstrafte 3, 91058 Erlangen, Germany

catalytic

Over the last few years, supported catalytically active liquid metal so-
lutions (SCALMS) were shown to be remarkably efficient catalysts for
alkane dehydrogenation. The active phase of these catalysts consists
of a liquid metal matrix, in which catalytically active transition metals
are dissolved. So far, only Gallium was used as a liquid matrix mate-
rial, because of the low toxicity and low melting point. Since extensive
research has already been made on Gallium-based SCALMS systems
with different catalytically active transition metals, varying the ma-
trix material is the logical next step to further improve the catalyst
performance. These efforts are now extended to ternary systems such
as GalnPt and GaSnPt. This extension opens up new questions as it
increases the complexity, but also brings exciting new properties and
insights into the dynamics of liquid SCALMS catalysts. In this talk,
the most recent results regarding these ternary systems will be pre-
sented, with an emphasis on photoemission studies. Funded by SFB
1452.

O 454 Wed 16:00 H4
Investigation of Pt-Ga SCALMS model particles using pho-
toelectron spectroscopy — eCHRIsTOPH WICHMANN!, HAIko
WITTKAMPER!, MicHEAL Moritz!, Tzung-EN Hsien?, JOHANNES
FriscH?, MiNcJiaN Wu3, Marcus Bir2, ERDMANN SPIECKER?,
Hans-PETER STEINRUCK!, and CHRISTIAN Papp! — MUniversitéit Er-
langen, Physikalische Chemie II, Germany — 2Helmholtz-Zentrum
Berlin, Germany — 3Universitit Erlangen, Lehrstuhl fiir Werkstof-

fwissenschaften, Germany
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Supported catalytically active liquid metal solutions (SCALMS) re-
cently gained much attention as highly active and stable catalysts for
the dehydrogenation of alkanes. SCALMS are metal solutions com-
posed of low amounts of catalytically active transition metals like Rh,
Pd, or Pt, alloyed with low melting metals like Ga, which act as matrix.
Their stability is attested to a notable resistance against deactivation
by coking, which is the prevalent deactivation route for dehydrogena-
tion catalysts. To obtain a fundamental understanding, we make these
complex materials systems accessible for a surface science approach. To
gain insight in the catalytic properties of such nano-solutions, we work
with supported PtGa particle systems. Herein, supported PtGa parti-
cle systems with low Pt content were investigated. The influence of the
deposition sequence, the effects of annealing, and exposure to oxygen
on the alloying and morphology of the resulting particle were studied
with XPS using different excitation energies to obtain a depth-profile
of the first few layers of the liquid.
Funded by SFB 1452.

Topical Talk O 45.5 Wed 16:15 H4
Understanding liquid metal catalysts for graphene synthesis
using machine learning interatomic potentials — eHENDRIK H.
HeeNEN — Fritz-Haber-Institut der MPG, Berlin, Germany

High-quality, near defect-free graphene can be synthesized on the lev-
elled and uniform surfaces of liquid metal catalysts. This smoothness
on the microscale is sometimes accompanied by seemingly different
catalytic properties, the determination of which is, however, ambigu-
ous. Assessing distinct catalytic properties of liquid metal catalysts
by first principles atomistic simulations has so far been challenged due
to the intractable long length and time scales necessary to model the
liquid phase. Using computationally efficient machine learning inter-
atomic potentials (MLIPs) trained to first principles data allows to
extrapolate predictability to necessary scales and opens an avenue for
obtaining the desired microscopic insight.

In this talk I will present strategies to train and employ MLIPs
for the simulation of graphene synthesis on liquid metal catalysts. I
will introduce the data-efficient training of MLIPs via fairly automatic
workflows as a tool to extend the predictive accuracy of e.g. density
functional theory to larger scales. On basis of these potentials, large-
scale simulations can be performed to compute experimental observ-
ables and elucidate microscopic processes relevant to graphene syn-
thesis. Further, one can identify trends between different metals and
directly compare between the solid and liquid states of a catalyst.
Findings based on these simulation approaches shed new light on the
role of the liquid state of liquid metal catalysts.

Topical Talk O 45.6 Wed 16:45 H4
Tonic liquids and deep eutectic solvents - sustainable media
for selective molecular recognition and adsorption — eJan
Burasius, LEoNaARD Dick, and BARBARA KIRCcHNER — Mulliken Cen-
ter for Theoretical Chemistry, University of Bonn, Beringstrasse 446,
D-53115 Bonn, Germany

The effective reduction of CO2 emission and chemical waste produc-
tion are key disciplines on our way towards a more sustainable future.
Tonic liquids (ILs) and deep eutectic solvents (DESs) offer new oppor-
tunities for addressing these challenges, as their properties can be ad-
justed in order to fulfill specific purposes. To efficiently optimize their
usage for various applications, it is vital to understand the underly-
ing molecular behavior and inherent structuring inside these liquids.
Using state-of-the-art theoretical methods, we shed light on molecular
adsorption and recognition mechanisms in ILs and DESs. This en-
ables us to determine the reasons for specific capacities and allows a
theoretical design of solvents with precisely tuned geometric, energetic
and kinetic parameters in order to enhance the processes of interest.
In this presentation, we will highlight our most recent research con-
cerning molecular recognition and adsorption in ILs and DESs which
can support the development of novel chemical processes that pave our
way towards a more sustainable future.

O 45.7 Wed 17:15 H4
Surfaces of ionic liquids studied by ARXPS and UHV
Pendant Drop — eULRIKE PaapP, FLoriIAN MAaIER, and HANs-
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PETER STEINRUCK — Chair of Physical Chemistry II, FAU Erlangen-
Niirnberg, Egerlandstrafle 3, 91058 Erlangen, Germany

Tonic liquids (ILs) are characterized by a low melting point, low vapor
pressure and low surface tension. Many ILs exhibit high gas solubil-
ity along a high chemical and thermal stability. Such properties are
beneficial in many areas such as gas absorbents, refrigerants, lubri-
cants, antistatics and surfactants. In this work, we studied various
imidazolium-based ILs with different functional PEG chains attached
to the cation using angle-resolved X-ray photoelectron spectroscopy
(ARXPS) and a new pendant drop setup, which enables to measure
the surface tension also in ultrahigh vacuum (UHV). With ARXPS, we
determine the surface composition of the topmost IL nanometers on
the molecular level. We combine these results with our surface tensions
studies in UHV and atmosphere. Our results allow for a deeper un-
derstanding of enrichment and molecular orientation processes at the
outermost surface of these systems in a microscopic and macroscopic
range.

This work was supported by the European Research Council (ERC)
through an Advanced Investigator Grant (ILID 693398) to HPS and
the Collaborative Research Center (CRC) 1452: Catalysis at Liquid
Interfaces.

O 45.8 Wed 17:30 H4
Mixed Films of protic and non-protic Ionic Liquids on Metal
Surfaces — on-surface metathesis on Ag(111) — eSTEPHEN

Massicot!, Tomova Sasaki?, MarrHias Lexox!, SUNGHWAN
) ) ,

SHIN!, FLoriaAN MaIer!, Susumu KuwaBaraZ, and Hans-PETER
STEINRUCK! — !Lehrstuhl fiir Physikalische Chemie 2, Friedrich-
Alexander-Universitit Erlangen-Niirnberg — 2Department of Applied

Chemistry, Graduate School of Engineering, Osaka University

Ionic liquids (ILs) are salts that are composed of poorly coordinat-
ing ions and thus exhibit melting points typically well below 100°C.
Thin films of ILs are of utmost interest in many applications such
as in catalysis and electrochemistry. In this context, we investigate
mixed ultrathin films of the protic IL diethylmethylammonium tri-
fluoromethanesulfonate ([demal[TfO]) and the aprotic IL 1-methyl-3-
octylimidazolium hexafluorophosphate (|CsC1Im][PFg|) on a Ag(111)
surface. The films are prepared by in situ physical vapor deposition in
UHV. The molecular composition of the IL/solid and IL/vacuum inter-
faces is studied by angle-resolved and temperature-programmed X-ray
photoelectron spectroscopy. We observe thermally induced phenom-
ena of ion exchange and preferential enrichment at these interfaces.
Furthermore, ions desorb selectively which leads to the on-surface for-
mation of a new IL by metathesis at the IL/metal interface.

Supported through an ERC Advanced Investigator Grant (ILID
693398) to HPS and by the DFG through SFB 1452.

0 45.9 Wed 17:45 H4
SCILL model catalysis - butadiene hydrogenation stud-
ied with molecular beam techniques — eLEONHARD WINTER,
STEPHEN Massicor, AFrRA GezMis, FLORIAN MAIER, and HaNs-
PETER STEINRUCK — Lehrstuhl fiir Physikalische Chemie II, Friedrich-
Alexander-Universitdt Erlangen-Niirnberg (FAU), Egerlandstr. 3,
91058 Erlangen

Ionic Liquids (ILs) are low temperature melting salts, often liquid even
below room temperature. In “Solid Catalyst with Ionic Liquid Layer
(SCILL)” systems, IL thin films are used to coat the catalytically ac-
tive metal and therefore, modify the reactivity and the selectivity of
the catalyst. Selectivity is crucial e.g., in the industrially important
hydrogenation of 1,3-butadiene to butenes since further hydrogenation
to m-butane must be suppressed.

We used a supersonic molecular beam to investigate the dynamical
details of this reaction in a UHV model study. The method of King
and Wells was used to measure sticking coefficients of 1,3-butadiene
and 1-butene on bare Pt(111) and Pt(111) coated with ultrathin layers
of the IL 1,3-dimethylimidazolium bis[(trifluoromethyl)sulfonyl]imide
([C1C1Im][T£2N]). The hydrogenation reaction was also modelled by
pre-adsorbing and co-feeding hydrogen gas.

Supported by the DFG through the Collaborative Research Center
(CRC)/ Sonderforschungsbereich (SFB) 1452.
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O 46: New Methods and Developments 3: Theory

Time: Wednesday 15:00-17:00

O 46.1 Wed 15:00 H6
Atomistic and coarse-grained modelling of liquid-liquid and
liquid-gas interfaces — eJakos FiLsEr!"2, KARSTEN REUTER'Z,
and HarRaLD OBERHOFER!'®> — 1Chair of Theoretical Chemistry,
TU Munich — 2Theory Department, Fritz Haber Institute Berlin —
3Chair for Theoretical Physics VII, University of Bayreuth

Modelling of dielectric interfaces remains a central challenge in com-
putational chemistry. Liquid-liquid and liquid-gas interfaces have so
far received relatively little attention, compared to solid surfaces. We
present a new method to incorporate solvation effects into density-
functional theory calculations of large organic adsorbates at liquid-
liquid and liquid-gas interfaces. Simulating a large number of solvent
molecules explicitly at this first-principles level is not computation-
ally tractable. We therefore resort to an implicit solvation approach,
treating the solvent as a structureless dielectric medium. Specifically,
we advance the multipole-expansion method, in which we model the
interface as the boundary of two semi-infinite media with different
permittivity. Additionally, we introduce a piecewise expansion of the
dielectric response. While the previous version of the MPE method
could solve the electrostatic problem only for small solute molecules
up to &~ 10 non-hydrogen atoms, this development now allows us to
simulate larger solutes with an overall non-convex hull, with electro-
static interaction energies converged up to few meV. Validating first
results of our model for octanoid acid at a water-gas interface by ex-
plicit force-field level molecular dynamics simulation provides insight
into the role of the atomistic structure of the solvent in the adsorption.

O 46.2 Wed 15:15 H6
Quantum feedback at the solid-liquid interface: flow-
induced electronic current and negative friction — eBAPTISTE
Coquinot!h?, LypEric Bocquer!, and Nikita KAVOKINE?
1Laboratoire de Physique de I’Ecole Normale Supérieure, ENS, Univer-
sité PSL, CNRS, Paris, France — 2Center for Computational Quantum
Physics, Flatiron Institute, New York, NY 10010, USA

An electronic current driven through a conductor can induce a current
in another conductor through the famous Coulomb drag effect. Simi-
lar phenomena have been reported at the interface between a moving
fluid and a conductor, but their interpretation has remained elusive.
Here, we develop a quantum-mechanical theory of the intertwined fluid
and electronic flows, taking advantage of the non-equilibrium Keldysh
framework. We predict that a globally neutral liquid can generate an
electronic current in the solid wall along which it flows. This hydro-
dynamic Coulomb drag originates from both direct Coulomb interac-
tions and interactions mediated by the solid’s phonons. We derive
explicitly the Coulomb drag current in terms of the solid’s electronic
and phononic properties, as well as the liquid’s dielectric response,
a result which quantitatively agrees with recent experiments at the
liquid-graphene interface. Furthermore, we show that the current gen-
eration counteracts momentum transfer from the liquid to the solid,
leading to a reduction of the hydrodynamic friction coefficient through
a quantum feedback mechanism. Our results provide a roadmap for
controlling nanoscale liquid flows at the quantum level, and suggest
strategies for designing materials with low hydrodynamic friction.

O 46.3 Wed 15:30 H6
A fully periodic treatment of the chemisorption function for
the analysis of adsorbate-substrate interactions — eSimiAM
GuaN!, KArsTEN REUTER!, and HARALD OBERHOFER? — lFritz-
Haber-Institut der MPG, Berlin, Germany. — 2University of
Bayreuth, Bayreuth, Germany

We discuss the extension of our improved Projection-Operator Dia-
batization scheme POD2GS[1] to the study of electronic coupling on
surfaces within periodic density-functional theory (DFT) simulations.
Using POD2GS, we calculate diabatic electronic couplings H,; be-
tween adsorbate and surface bands throughout k-space. It becomes
thus possible to directly calculate the chemisorption function of Newns
and Anderson|2], a weighted density of states which appears often in
the theoretical description of surface interactions.

Interpreting the chemisorption function within the Fermi Golden
Rule yields ultrafast (spin)electron transfer lifetimes directly compa-
rable to experiment, as we demonstrate for the case of core-excited
Argon monolayers on ferromagnetic substrates Fe(110), Co(0001) and
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Ni(111)[3]. Our scheme reveals the importance of sampling the Bril-
louin zone to gain accurate and convergent electron transfer rates, and
offers an array of further applications.

[1] J. Chem. Theory Comput. 2020, 16, 12, 7431-7443.

[2] Phys. Rev. 1969, 178, 1123.

[3] Phys. Rev. Lett. 2014, 112, 086801.

O 46.4 Wed 15:45 HG6
A Revised Fourth-Generation Neural Network Potential for
the Accurate Representation of Multiple Charge States —
e ALEXANDER KnoLL, Tsz War Ko, and Jorec BEHLER — Georg-
August-Universitat Gottingen, Institut fiir Physikalische Chemie, The-
oretische Chemie, G6ttingen, Germany

Machine learning potentials (MLPs) have become a mature tool for
large-scale atomistic simulations in chemistry and materials science.
Recently, a fourth-generation high-dimensional neural network poten-
tial (4G-HDNNP) has been introduced, in which the atomic charges
are determined in a charge equilibration step enabling the description
of long-range charge transfer. The quality of the charge prediction
depends on environment-dependent electronegativities expressed by
atomic neural networks, which poses a challenge for structures with
differing total charges but nearly-identical nuclear positions. Here, we
propose a generalized method applicable to these situations, and for
a series of model systems we demonstrate that this extension leads
to additional flexibility of the atomic electronegativities, ultimately
resulting in more accurate atomic charges, energies, and forces.

O 46.5 Wed 16:00 H6
Machine learning potentials for complex aqueous systems
made simple — oCHRISTOPH SCHRAN!, FABIAN L. THiEMANNDZ,
PaTtrick Rowe!, EricH A. MULLER?, ONDREJ MARSALEK®, and AN-
GELOS MIcHAELIDEs! — University of Cambridge, UK — 2Imperial

College London, UK — 3Charles University, Czech Republic

Simulation techniques based on accurate and efficient representations
of potential energy surfaces are urgently needed for the understanding
of complex systems such as solid-liquid interfaces. Here we present a
machine learning framework that enables the efficient development and
validation of models for complex aqueous systems. Instead of trying
to deliver a globally optimal machine learning potential, we propose
to develop models applicable to specific thermodynamic state points
in a simple and user-friendly process. After an initial ab initio sim-
ulation, a machine learning potential is constructed with minimum
human effort through a data-driven active learning protocol. Such
models can afterward be applied in exhaustive simulations to provide
reliable answers for the scientific question at hand or to systematically
explore the thermal performance of ab initio methods. We showcase
this methodology on a diverse set of aqueous systems. Highlighting the
accuracy of our approach with respect to the underlying ab initio ref-
erence, the resulting models are evaluated in detail with an automated
validation protocol that includes structural and dynamical properties
and the precision of the force prediction of the models. Finally, we
demonstrate the capabilities of our approach for providing insight into
the solid-liquid interface for various systems.

O 46.6 Wed 16:15 HG6
Quantifying the breakdown of electronic friction theory dur-
ing molecular scattering of NO from Au(111) — eConNoOR L.
Box!, YaorLong Zuanc?, Rongrong YIN?, BiN Jianc2, and REIN-
HARD J. MAURER! — 1Department of Chemistry, University of War-
wick, United Kingdom — 2Department of Chemical Physics, Univer-
sity of Science and Technology of China, Hefei, China

The Born-Oppenheimer approximation fails to capture the extent of
multiquantum vibrational energy loss recorded during molecular scat-
tering from metallic surfaces.[1] NO scattering on Au(111) has been
one of the most studied examples in this regard, providing a test-
ing ground for developing various nonadiabatic theories. The exact
failings compared to experiment and their origin from theory are not
established for any system, particularly since dynamic properties are
affected by many compounding simulation errors, of which the qual-
ity of nonadiabatic treatment is just one. We use a high-dimensional
machine learning representation of the energy and the electronic fric-
tion tensor to minimize errors that arise from quantum chemistry.[1,2]
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This allows us to perform a comprehensive quantitative analysis of the
performance of molecular dynamics with electronic friction in describ-
ing state-to-state scattering. We find that electronic friction theory
accurately predicts elastic and single-quantum energy loss, but un-
derestimates multi-quantum energy loss and overestimates molecular
trapping at high vibrational excitation. Our analysis reveals potential
remedies to these issues. [1] C. L. Box & Y. Zhang et al, JACS Au,
2020 [2] R. Yin et al, J. Phys. Chem. Lett, 2019

O 46.7 Wed 16:30 HG6
Accurate computation of chemical contrast in field ion mi-
croscopy — eSHALINI BHATT — Max Planck Institut fiir Eisen-
forschung GmbH Diisseldorf Germany

Field ion microscopy (FIM) was the first microscopy technique to image
individual atoms on a metal surface with near atomic spatial resolu-
tion. In short an imaging gas (e.g. He, Ne) is ionized above a surface
subject of a few field 1010 V/m. The imaging contrast is dominated by
the ionization probability at 5-10 A above the surface. To simulate this
within density-functional theory (DFT), we adapt the Tersoff-Hamann
theory known from scanning tunneling microscopy (STM).

The gigantic electric field leads to very fast decay of wavefunctions
into the vacuum. At the ionization height, they run into a regime that
is dominated by numerical noise. To address this noise challenge in-
herent to any global-scale Kohn-Sham solver employed in DFT codes,
wavefunction tails must be recomputed. To solve 3D Schrédinger equa-
tion at local scale we develop the extrapolated tail via reverse algorithm
(EXTRA). The decaying tails are obtained by reverse integration (from
outside in) using a Numerov-like algorithm. The starting conditions
are then iteratively adapted to match the values of planewave DFT

wavefunctions close to the surface. We demonstrate chemical contrast
for Ta and W at Ni surface using this new technique.

O 46.8 Wed 16:45 HG6
Designing Covalent Organic Frameworks Through Active
Machine Learning — eYuxuaN Yaol:?2, CHRISTIAN KUNKEL3,
KARsTEN REUTER®?, and HARALD OBERHOFER? — !Chair for The-
oretical Chemistry and Catalysis Research Center, Technical Univer-
sity Munich — 2Fritz-Haber-Institut der Max-Planck-Gesellschaft —
3Chair for Theoretical Physics VII, University of Bayreuth

Covalent organic frameworks(COFs) are a class of materials with po-
tential applications in many fields such as catalysis, sensing, or opto-
electronics. It is well known that their design space is far too large to
sample one by one. Focusing on their electronic properties, we mod-
ify an earlier active machine learning(AML) approach that explores
the molecular design through the use of surrogate models for charge
injection and transport descriptors. In this method, the Gaussian Pro-
cess Regression(GPR) and AML are combined to train the molecular
space. This way we ensure that only promising molecules or candi-
dates that are very different from already explored ones have their
descriptors evaluated on a comparatively expensive quantum mechan-
ical level. Specifically, we modify molecular generation rules in order
to produce three-fold rotational symmetric candidates molecules for
use in COFs. In the future this approach can be generalized for any
other symmetries, to potentially even allow for 3-dimensional network
generation. The generation of a candidate space with well defined
symmetries together with AML ensures a high efficiency in the de-
tection of promising COFs with superior charge conduction properties
and demonstrates the utility of this approach.

O 47: Focus Session: Atomic-Scale Studies of Spins on Surfaces with Scanning Tunneling
Microscopy 1

Magnetic single atoms and molecules are intensively studied as the smallest building blocks for potential
applications in spintronic devices and quantum information processing. Detecting and controlling single
spin states and their spin interactions require both high energy resolutions and atomic scale imaging
capability. Scanning tunneling microscopes provide not only the spatial resolutions but also the bottom
up approach to build magnetic structures atom by atom. Recently, unprecedented spin sensitivities
have been reached by functionalizing the STM tips or by combining STM with electron spin resonance.
The goal of this symposium is to highlight the recent developments in the rapidly evolving field of
atomic scale sensing and quantum control of spins on surfaces. Researchers that use STM to investigate
atomic or molecular spins on surfaces will present their most recent results. Sharing technical advances
and addressing current issues will create synergies to foster future progress in this field and a deeper

understanding of the underlying physics.

Organizer: Andreas Heinrich (Center for Quantum Nanoscience, Seoul, Republic of Korea)

Time: Wednesday 15:00-18:00

Topical Talk O 47.1 Wed 15:00 S051
Quantum control of multi-spin architectures on a surface —
eYuseoNG BAE — Center for Quantum Nanoscience (QNS), Institute
for Basic Science (IBS), 03760 Seoul, South Korea — Department of
Physics, Ewha Womans University, Seoul 03760, South Korea

The spin-polarized scanning tunneling microscopy (STM) combined
with electron spin resonance (ESR) [1| enables us to achieve single
spin sensitivity with atomic precision. Employing ESR-STM, a sin-
gle spin on a surface can be coherently probed and controlled [1,2],
where the magnetic tip is positioned directly on the target spin. Here,
we demonstrate a new approach to coherently control multi-electron
spins in a quantum spin architecture crafted atom-by-atom. We found
the remote spins, which are outside the tunnel junction, can be con-
trolled by the local oscillating magnetic fields created by a single-atom
magnet placed next to them in oscillating electric fields. The read-
out of multi-electron spins is achieved by a sensor atom weakly cou-
pled to them. The resonances of the sensor spin are separated in the
frequency domain so that we can independently and simultaneously
control the sensor and remote spins. Our work shows the enhanced
coherent properties of the remote spins as well as fast controlled oper-
ations of multi-electrons in an all-electrical fashion. Our development
widens the approaches to the multi-spin control in tailored spin struc-
tures on a surface.
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[1] S. Baumann et al., Science, 350 (2015) 417.
[2] K. Yang et al., Science, 366 (2019) 509.

O 47.2 Wed 15:30 S051
Longitudinal and transverse electron paramagnetic reso-
nance in a scanning tunneling microscope — eTom S.
SEIFERT!, STEPAN KoOVARIK2, PIETRO GAMBARDELLAZ, and SEBAS-
TIAN STEPANOW? — 'FU Berlin — 2ETH Ziirich

Combining scanning tunneling microscopy (STM) with electron-
paramagnetic resonance (EPR) allows for sensitive probing magnetic
interactions at atomic scales [1]. However, the experimental require-
ments for driving the EPR transitions are not obvious [2,3|. In-depth
understanding of what drives EPR-STM is mandatory to explore novel
material systems with high sensitivity. Here, we acquire and model
EPR spectra of single Fe and hydrogenated Ti atoms on bilayer MgO
on Ag using a radio frequency (RF) antenna close to the STM junc-
tion [4]. We investigate in a systematic way the impact of RF exci-
tation strength and tunneling parameters on the EPR signal and find
strong evidence for a piezoelectric coupling mechanism [5]. Specifically,
transverse magnetic field gradients drive the spin-1/2 hydrogenated Ti,
whereas longitudinal magnetic field gradients drive the spin-2 Fe. Fi-
nally, we demonstrate how the choice of specific tip-sample distances
allows one to minimize the impact of tip magnetic fields on the EPR-
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STM measurements thereby excluding a major experimental uncer-
tainty when determining single-atom magnetic moments [6].

[1] S. Baumann et al., Science 350 (2015) [2] K. Yang et al., PRL
122 (2019) [3] P. Willke et al., Nano Lett. 19 (2019) [4] T.S. Seifert et
al., PRR 2 (2020) [5] T.S. Seifert et al., Sci. Adv. 6 (2020) [6] T.S.
Seifert et al., PRR 3 (2021)

O 47.3 Wed 15:45 S051
Experimental Determination of a Single Atom Ground
State Orbital through Hyperfine Anisotropy — eLAETITIA
Farinaccr!, Lukas M. VeLpMman?!, PuaiLip WiLLkE?, and SANDER
OrTe! — Delft University of Technology, Delft, The Netherlands —
2Karlsruhe Institute of Technology, Karlsruhe, Germany

Electron spin resonance has long been a powerful tool for electronic
analysis. Its recent combination with scanning tunneling microscopy
[1] gives exceptional energy resolution for the investigation of the mag-
netism of single atoms in addition to a very good characterization of
their spatial surroundings.

Here, we provide a full angle-dependent investigation of the
anisotropy of the hyperfine splitting of single Ti atoms on
MgO/Ag(100). We find that the anisotropy of the hyperfine split-
ting is related to that of the g factor: spin-orbit coupling leads to a
partially unquenched angular momentum which couples to the electron
spin and thereby affects its interaction both with an external magnetic
field and the nuclear spin of the nucleus. Combining the symmetry
properties of the atoms binding site with a simple point charge model,
we provide a method to predict the shape of the ground state orbital of
the Ti atom. Relying on experimental values only, this analysis paves
the way for a new protocol for electronic structure analysis for spin
centers on surfaces.

[1] Baumann et al., Science 350 (2015)

O 47.4 Wed 16:00 S051
Anisotropic hyperfine interaction of surface-adsorbed sin-
gle atoms — eJinkyuncg Kimb2, Kyungiu Noub2, Y1 Cuen':3,
CuristopH WoLr!:3 ANDREAs HeiNricH!?, and YuseonGg Bag!:2
— !Center for Quantum Nanoscience (QNS), Institute for Basic Sci-
ence (IBS), Seoul 03760, South Korea — 2Department of Physics,
Ewha Womans University, Seoul 03760, South Korea — 3Ewha Wom-

ans University, Seoul 03760, Republic of Korea

Hyperfine interactions between electron and nuclear spins provide sen-
sitive probes to the chemical environment of atoms, molecules, and
crystal defects as well as an alternative way to control the nuclear spins.
While a variety of experimental techniques have been applied to the
detection and control of single nuclear spins in various environments,
simultaneous investigations of the single nuclear spin*s resonance and
the atomic scale imaging are more demanding. Using the electron spin
resonance (ESR) technique in a scanning tunneling microscope (STM),
we investigated hyperfine interaction of hydrogenated titanium (Ti)
on MgO/Ag(100) and its local environment at the atomic scale. By
means of atom manipulation in vector magnetic fields, we identified
the hyperfine interaction of Ti along three principal axes, which shows
a large anisotropy of hyperfine interaction. As a sensitive probe of
chemical environment, the observed hyperfine interaction reflects the
anisotropic orbital configuration of the electronic ground state, which
is further supported by the density functional theory calculations.

O 47.5 Wed 16:15 S051
Electron Paramagnetic Resonance of individual Alkali Metal
Atoms and Dimers on Ultrathin MgO — eSTEPAN KoOvaRIK!,
RoBERTO ROBLES?, RIcHARD ScHLITZ!, TOM SEBASTIAN SEIFERT 3,
NicoLas LoreNTE??, PIETRO GAMBARDELLA!, and SEBASTIAN
StEPANOW! IDepartment of Materials, ETH Zurich, Switzerland —
2Centro de Fisica de Materiales, San Sebastian, Spain — 3Department
of Physics, FU Berlin, Germany — 4Donostia International Physics

Center, San Sebastian, Spain

Electron paramagnetic resonance (EPR) provides unique insight into
the chemical structure and magnetic properties of dopants in oxide and
semiconducting materials that are of interest for applications in elec-
tronics, catalysis, and quantum sensing. We demonstrate that EPR in
combination with scanning tunneling microscopy (STM) [1, 2| allows
for probing the spin and charge state of alkali metal atoms on an ul-
trathin magnesium oxide layer on a Ag(100) substrate. We identify a
magnetic moment of 1 up for Liz, LiNa, and Nag dimers corresponding
to spin radicals with a charge state of +1e [3]. Individual alkali atoms
have the same charge state and no magnetic moment. The ionization
of the adsorbates is attributed to the charge transfer of one electron

(0]

through the oxide to the metal substrate. Our work highlights the
potential of EPR-STM to provide insight into dopant atoms, which
are relevant for the control of the electrical properties of surfaces and
represent a suitable platform for studying quantum nanomagnets.

[1] S. Baumann et al., Science 350 (2015) [2] T. S. Seifert et al., PRR
2 (2020) [3] S. Kovarik et al., Nano Lett. 22 (2022)

Topical Talk 0476 Wed 16:30 S051

Free coherent evolution of a coupled atomic spin sys-
tem initialized by electron scattering — eSanDpDErR OTTE!,
Lukas VELDMAN!, LAETITIA FarINAcct!, Rasa REesant!, Rik
BrOEKHOVEN!, JEREMIE GoBEIL!, Davip CorreY!, and MARKUS
TerRNES?3 — 1Delft University of Technology, Delft, The Nether-
lands 2RWTH Aachen University, Aachen, Germany

3Forschungszentrum Jiilich, Jiilich, Germany

Full insight into the dynamics of a coupled quantum system depends
on the ability to follow the effect of a local excitation in real-time.
Here, we trace the free coherent evolution of a pair of coupled atomic
spins by means of scanning tunneling microscopy. Rather than us-
ing microwave pulses, we use a direct-current pump-probe scheme to
detect the local magnetization after a current-induced excitation per-
formed on one of the spins. By making use of magnetic interaction
with the probe tip, we are able to tune the relative precession of the
spins. We show that only if their Larmor frequencies match, the two
spins can entangle, causing angular momentum to be swapped back
and forth. These results provide insight into the locality of electron
spin scattering and set the stage for controlled migration of a quantum
state through an extended spin lattice.

O 477 Wed 17:00 S051

Controlled migration of a coherent spin excitation through
atomically assembled nanomagnets — eLUKAS VELDMAN!,
LagTiTia Farinaccor!, Rasa RejaLi!, Rik BROEKHOVEN!, JEREMIE
GoseiL!, Davip Correy!, MarRkuUs TERNES?3, and SANDER OTTE!
— 1TU Delft, Delft, The Netherlands — ?RWTH Aachen, Aachen,

Germany — 3Forschungszentrum Jiilich, Jiilich, Germany

Tracing single coherent spin excitations in low dimensional nanomag-
nets has been a long standing goal in experimental solid state physics.
Scanning tunneling microscopy offers a promising platform to chase
this goal due to its capability to build nanomagnets atom-by-atom and
address each atomic spin individually. Here, we show the possibility of
inducing a single spin-flip excitation using electron scattering and the
measurement of the resulting flip-flop interaction between two atomic
spins [1]. Next, we use the same principle to observe coherent spin
dynamics in multiple atomically assembled nanomagnets. By tuning
the interaction between tip and nanomagnet, we are able to address
different magnetic resonances in each atomic structure. In engineered
branched structures, the spin excitation can be sent to different di-
rections using the tip interaction. These techniques can serve as a
platform for dynamical quantum simulation and can form a founda-
tion for atomically assembled spintronic applications.

[1] Veldman, L. M., Farinacci, L., Rejali, R., ... & Otte, A. F. (2021)
Science, 372

O 47.8 Wed 17:15 S051
Electric field control of spin transitions in a single molecule
using ESR-STM — eMANEEsHA IsmaiL, Piorr KoT, and CHRIs-
TIAN R. AsT — Max-Planck-Institute for Solid State Research, Heisen-
bergstr. 1, 70569 Stuttgart, Germany

Since the demonstration of the control of spins on the atomic scale,
the technique of ESR-STM has been used extensively to explore the
field of spintronics. Here, we present an extension to the ESR-STM
parameter space, which uses the bias voltage to tune the energy of the
Zeeman transition. We emonstrate electronic control of spin resonance
transitions in a single TiH molecule. We were able to observe a strong
dependency of the g-factor along with a tip-field shift as function of
the electric field. Finally, we manipulate a TiH dimer by continu-
ously changing the bias voltage such that the dimer moves through an
avoided crossing of the energy levels. This could be an important step
towards pump-probe control of spin states through the bias voltage
and opens new possibilities for coherent manipulation.

0479 Wed 17:30 S051
Isotope detection inside single molecules in scanning-probe
based electron spin resonance — eLISANNE SELLIES, RAFFAEL
SPACHTHOLZ, PHILIPP SCHEUERER, and JAascHA REPP — University
of Regensburg, Regensburg, Germany
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Electron spin resonance (ESR), a versatile technique to study mate-
rials with unpaired electrons, was recently combined with scanning
tunneling microscopy (STM), bringing atomic-scale spatial resolution
to ESR [1]. ESR-STM even allowed detecting strong hyperfine inter-
actions between the single electron spin under study with the atom’s
nuclear spin [2], due to its largely improved energy resolution com-
pared to conventional STM, reaching the nano-electron-volt regime.
This energy resolution could even be improved further if the tunneling
current as a read-out was avoided, since this current is the dominating
decoherence source for the probed electron spin.

We propose, therefore, a new ESR scanning probe method based
on atomic force microscopy (AFM). Since our technique does not rely
on the tunneling current to read-out the ESR signal, we increase the
coherence times of the electron spins and, consequentially, the energy
resolution. Therefore, we can resolve the hyperfine interaction inside
organic molecules and distinguish molecules only differing in the iso-
topic composition. Thus, our technique allows the chemical finger-
printing of molecules and their surroundings.

References: [1] S. Baumann et al., Science 350, 417 (2015) [2] P.
Willke et al., Science 362, 336 (2018)

O 47.10 Wed 17:45 S051

A home-built scanning tunneling microscope combined with
electron spin resonance — eANDREAS HEINRICH — Center for
Quantum Nanoscience, Institute for Basic Science, Seoul, Korea

Scanning tunneling microscopy is a powerful tool to characterize the
electronic and magnetic properties of atomic scale structures on a sur-
face. Recently, improved spectral energy resolution has been achieved
by functionalizing the STM tip with a well-characterized molecule at
the apex [1,2] or by combining electron spin resonance with STM (ESR-
STM) [3|. Here, we present the design and operation of an optimized,
home-built ESR-STM with a specially designed mechanical damper,
a Joule-Thomson refrigerator, and 2-axes vector magnets. This sys-
tem provides outstanding performance of STM for nanoscale measure-
ments. We further describe a new design of a microwave antenna to
increase the transmission of RF voltages to the junction, which per-
forms better than the direct connection to the tip. Applying RF power
through the antenna terminated at 50 Ohm results in the reduction
of standing waves and increases the available frequency range (5-40
GHz), which allows us to measure ESR of surface spins at elevated
temperatures up to 10 K. References: [1] M. Ormaza et al., Nano let.
17, 1877-1882 (2017) [2] G. Czap et al., Science, 364, 670-673 (2019)
[3] S. Baumann et al., Science, 350, 417-420 (2015)

O 48: 2D Materials 1: Electronic Structure of Transition Metal Dichalcogenides

Time: Wednesday 15:00-17:30

O 48.1 Wed 15:00 S052
the stability of point defects in 2D monolayer transition metal
dichalcogenides and their impact on the electronic structure
— eaLAA AKKOUsHD? and MARIANA Rossib? — 1Fritz Haber Insti-
tute of the Max Planck Society, Faradayweg 4-6, Berlin — 2MPI for
the Structure and Dynamics of Matter, Luruper Chaussee 149, 22765

Hamburg

Defects can strongly influence the electronic, optical and mechanical
properties of 1D materials. However, their stability and distribution
under different conditions of temperature, pressure and strain are not
well characterized from an atomistic perspective. We have investi-
gated the structural and electronic properties, as well as the thermo-
dynamic stability of point defects (vacancies and adatoms) in mono-
layer transition metal dichalcogenides MX2 with M=Mo/W and X=
S/Se, through density-functional theory (DFT) simulations with hy-
brid exchange correlation functional, as implemented in the all-electron
package FHI-aims [1]. These calculations are carried out using a super-
cell approximation to model localised defects using periodic boundary
conditions. We show quantitatively that X adatom is most favorable in
rich X conditions while in poor X environment X monovacancy is most
favorable. Interestingly, an interplay between adatom and divacancies
takes place as temperature increases. To gauge the importance of vi-
brational free energy contributions on the engineering of gap states in
the 2D monolayers, we compare the formation energies of point defects
with an adsorbed F6TNAP at various thermodynamic conditions.

[1] S.V. Levchenko , et al., Comp. Phys. Comm. 192 60-69 (2015)

O 48.2 Wed 15:15 S052
Non-linear optical response of TMD Nanotubes using Wan-
nier interpolation — eJvyoTi KRrisHNA and JULEN IBANEZ-AZPIROZ
— Centro de Fisica de Materiales (CSIC-UPV/EHU), Donostia-San
Sebastian, Spain

Single crystals lacking an inversion center display a non-vanishing
second-order response known as shift current- a dominant contribution
to the bulk photovoltaic effect. There has been a renewed interest in
novel materials with large non-linear absorption capabilities[1]. Here
we focus on transition metal dichalcogenide nanotubes, which have
recently exhibited a short-circuit intensity showing orders of magni-
tude enhancement over the monolayer value[2]. We systematically ex-
plore the implications of the different chiral indexes on both linear and
quadratic optical responses for single-walled TMD NT employing the
Wannier interpolation technique. We classify the allowed symmetry
and calculate the dependence of the magnitude of the response as a
function of NT diameter and chirality. Finally, we discussed our results
in the context of the experimental measurements.

Funding provided by the European Union’s Horizon 2020 research
and innovation programme under the European Research Council
(ERC) grant agreement No 946629. (1) L. Z Tan, F. Zheng, F. Wang
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and A. M. Rappe, npj Comput. Mater. 2, 16026 (2016). (2) Y. J.
Zhang et. Al Nature 570, 349 (2019). (3) G. Pizzi et. Al, J. Phys.
Cond. Matt 32, 165902 (2020).

O 48.3 Wed 15:30 S052
Structural, electronic and optical properties of strained MoS;
— oJAN-HAUKE GRAALMANN and Mi1cHAEL RoHLFING — Institute of
Solid State Theory, University of Miinster, 48149 Miinster, Germany

Experimental and theoretical studies have shown that the spectrum of
MoS2 changes when the system gets strained. Stretching a monolayer
leads to a shift of the optical absorption spectrum to lower energies. In
case of the bilayer under hydrostatic stress, the interlayer interaction
plays a major role.

In this talk we investigate the behaviour of a MoS2 monolayer and
bilayer theoretically using DFT, GdW and the Bethe-Salpeter equa-
tion. Our results show a transition of the monolayer from a direct
semiconductor to an indirect one when the in-plane lattice constant
is increased. Furthermore, the fundamental gap at the K point is
reduced while the binding energies of the A and B excitons remain
approximately constant. These effects lead to an effective shift of the
excitation energies of both excitons towards lower energy with similar
gauge factors.

We also find a significant influence of interlayer interaction within
the bilayer. The effect of a decreasing gap by biaxial shrinking of each
single layer under an external hydrostatic pressure gets counterbal-
anced by the reduction of the interlayer distance.

O 48.4 Wed 15:45 S052
Excitons in TMDC Bilayers — eJaAN NELLESEN and MICHAEL
Ronrring — Westfilische Wilhelms-Universitdat, Miinster, Germany

Semiconducting Transition-Metal-Dichalcogenides (TMDCs) have
gained a lot of attention in the past few years due to possible new
applications in optoelectronics. In particular, the excitonic properties
of TMDC mono- and bilayers have been studied extensively.

This work focuses on interlayer excitons in TMDC heterostructures
which combine large binding energies with relatively long lifespans.
The exciton energies are investigated in different systems using the
Bethe-Salpeter-Equation.

In order to describe excitons in twisted bilayers, which exhibit long-
range moiré structures, ab initio approaches are no longer feasible be-
cause of their high computational demand. With the goal of studying
excitons in such systems in mind, the TMDC bandstructure is modeled
within a tight-binding approximation. For describing the electron-hole
interaction, a model potential is used.

0 48.5 Wed 16:00 S052

Unoccupied electronic states of 1T-TiSe;: Band dispersions
and CDW-induced changes at ' — ePaTRicK GEERS, MARCEL
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Horrmann, and MArRKUs DoNaTH — University of Miinster, Ger- a final state sum frequency spectroscopy study — eTao
many YanGg, Erik POLLMANN, STEPHAN SLEZIONA, M ARIKA SCHLEBERGER,

The transition metal dichalcogenide 1T-TiSes shows a phase transition
into a charge density wave (CDW) below a critical temperature Tcpw
[1]. This transition leads to a half-sized Brillouin zone and backfolded
electronic bands. For the occupied electronic structure, photoemission
results show a backfolding of Se-4p,, valence bands below Tcpw from
T toM [2].
We present angle-resolved inverse-photoemission (IPE) measurements
for the unoccupied electronic structure above and below Tcpw. Our
data for the ' M azimuth resemble literature data for the energy vs.
momentum dispersion of Ti-3d states as well as an image-potential-
induced surface state [3]. In addition, we report on IPE measurements
for the T K azimuth. Finally, we give special attention to the changes
in the electronic structure, which are caused by the CDW phase tran-
sition. Measurements around T’ below Tcpw show modifications in
the spectra which are attributed to backfolded electronic bands from
M to T as a direct consequence of the CDW phase.

[1] Di Salvo et al., Phys. Rev. B 14, 4321 (1976).

[2] Watson et al., Phys. Rev. Lett. 122, 076404 (2019).

[3] Drube et al., J. Phys. C 20, 4201 (1987).

0 48.6 Wed 16:15 S052

Nontrivial Doping Evolution of Electronic Properties in
Ising-Superconducting Alloys — eWEN WaN!, DARSHANA
WICKRAMARATNEZ, PauL DRreHErR', Risuav Harsu!, Icor I.

Mazin®, and MicueL Ucepa! — !Donostia International Physics
Center (DIPC), Paseo Manuel de Lardizabal 4, 20018 San Sebastian,
Spain — 2Center for Computational Materials Science, U.S. Naval Re-
search Laboratory, Washington, DC 20375, USA — 3Department of
Physics and Astronomy, George Mason University, Fairfax, VA 22030,
USA

TMDs offer unprecedented versatility to engineer 2D materials with
tailored properties to explore novel structural and electronic phase
transitions. Here, we present the atomic-scale evolution of the elec-
tronic ground state of a monolayer of Nbl-dModSe2 (0<d<1) using
STM/STS measurements at 300 mK. We investigate the atomic and
electronic structure of this 2D alloy throughout the metal to semicon-
ductor transition (NbSe2 to MoSe2). Our measurements let us extract
the effective doping of Mo atoms, the bandgap evolution and the band
shifts, which are monotonic with §. Furthermore, we demonstrate
that collective phases (CDW and superconductivity) are remarkably
robust against disorder. We further show that the superconducting TC
changes non-monotonically with doping. This contrasting behavior in
the normal and superconducting state is explained using first-principles
calculations. We show that Mo doping decreases the DOS at EF and
the magnitude of pair-breaking spin fluctuations as a function of Mo
content. (1) W. Wan, et al. Advanced Materials, accepted (2022).

O 48.7 Wed 16:30 S052
Surface spin texture derived from a single mirror plane
of WTes — TRISTAN HEIDERl, GusTAV BIHLMAYER2, JAKUB
ScHUSSER®'#, FRIEDRICH REINERT?, JAN MINAR®, STEFAN BLUGELZ,
Craus M. ScHNEIDER!, and eLukasz Prucinski! 1pGI-
6 Forschungszentrum Jiilich — 2PGI-1 Forschungszentrum Jiilich
— 3University of West Bohemia, Pilsen, Czech Republic
4Experimentelle Physik VII, Universitit Wiirzburg

WTesz is an important semi-metallic quantum material that exhibits
non-saturating magnetoresistance and potentially hosts Weyl type-11
nodes [1]. Through the laser-driven spin-polarized ARPES Fermi sur-
face mapping, we demonstrate highly asymmetric spin textures of elec-
trons photoemitted from the surface states of WTesz. Such asymme-
tries are not present in the initial state spin textures, which are bound
by the time-reversal and crystal lattice mirror plane symmetries. The
findings are reproduced qualitatively by theoretical modeling within
the one-step model photoemission formalism, while a simple toy-model
suggests that a similar effect shall be observed in other materials with
low symmetry.

Our spin-polarized maps with detail comparable to the previous
spin-integrated maps [2] have been measured using the newly devel-
oped high-resolution instrument at PGI-6 in Jiilich that is based on a
hemispherical analyzer with the scanning lens, an exchange-scattering
spin detector, and a cw 6 eV laser.

[1] P. K. Das et. al. Electron. Struct. 1, 014003 (2019) and refs.
therein. [2] F. Y. Bruno et al., Phys. Rev. B 94, 121112 (2016).

O 48.8 Wed 16:45 S052

Effect of gold substrate on the excitonic properties of MoSs:

7

RicHArD KrRaMER CAMPEN, and YUuJiN Toneg — Fakultét fiir Physik
Universitdt Duisburg-Essen, 47057 Duisburg, Germany

Monolayer transition metal dichalcogenides(TMDCs) are promising
candidates for applications in electronics, optoelectronics, and pho-
tocatalysts due to their good thermodynamic stability, ease of prepa-
ration, tunable bandgap in the visible region, and pronounced activity
for photoelectrochemical water splitting. To take advantage of their ex-
cellent properties to build the devices and catalysts, a metallic surface
is required to combine them. However, compared to the well-explored
properties of monolayer TMDCs on dielectric substrates, less attention
has been paid to these properties on metal substrates due to the chal-
lenges associated with linear spectroscopies probing, such as quench-
ing. Here we use a final state sum frequency spectroscopy(FSSFG)
to study the optical properties of MoS2 exfoliated on a gold surface.
Relative to the well-known six-fold symmetry of MoSz on SiOq, the
azimuthal dependent FSSFG show significantly different patterns at
different polarization combinations. The current study provides impor-
tant insights into the significant changes in electronic structure when
MoS2 comes into contact with gold, and the possibility to selectively
switch resonance on and off through azimuthal tuning, as revealed by
the robust FSSFG.

O 48,9 Wed 17:00 S052
Time-resolved momentum microscopy of moiré inter-
layer excitons in twisted TMD heterostructures — eDAvID
Scumirt!, Jan PuiLipp Bance!, WiEBKE BENNECKE!, ABDU-
LAziz ALMuTaIrRI?, GIUSEPPE MENEGHINI?, DanierL SteiL!, R.
Tuomas WErtTz!, SABINE STEIL!, G. S. MATTHLIS JANSEN!, SAMUEL
Brem?3, ERMIN MaLic3, STEPHAN HorFMANNZ, MARCEL REUTZEL!,
and STEFAN Marnias! — 'I. Physikalisches Institut, Georg-August-
Universitdt Gottingen, Friedrich-Hund-Platz 1, Gottingen, Germany
— 2Department of Engineering, University of Cambridge, Cambridge
CB3 OFA, U.K. — 3Fachbereich Physik, Philipps-Universitét, 35032

Marburg, Germany

Transition metal dichalcogenides (TMDs) are extensively studied be-
cause of their exceptional material properties. The stacking of different
TMDs can lead to even more intriguing electronic properties: In type-II
band aligned TMD stacks, novel excitonic states can be created where
the electron and the hole contribution to the exciton are separated
between the van-der-Waals-coupled TMDs. A twist angle between
these layers allows further manipulation of the electronic properties
and gives rise to moiré-patterns which leads to distinct patterns in
momentum space. Here, we make use of our setup for time-resolved
momentum microscopy that is perfectly suited to probe these excitonic
features with energy- and in-plane momentum resolution. We present
femtosecond evaluation of the momentum-fingerprints of the excitonic
features that are created on a type II aligned heterostructure. Schmitt
et al., arXiv:2112.05011 (2021).

O 48.10 Wed 17:15 S052
In Operando Soft X-Ray Photoemission Spectroscopy of
2D Material Devices eALENA NIERHAUVED2, MATTHIAS
KaLLANED2, TaMMo ZIMMERMANNY, JeENs Buck!b2, PHILIPP
KAGERERS3, Znansong GENG?, CHAO ZHANG?, FRANK SCHWIERZ?,
MARTIN ZIEGLER?, Rok VENTURINI®, and Kar Rossnagenb26 —
HEAP, CAU Kiel, 24098 Kiel, Germany — 2Ruprecht-Haensel-Labor,
DESY and CAU Kiel, 22607 Hamburg and 24098 Kiel, Germany —
3Dep. of Exp. Physics VII, JMU Wiirzburg, 97074 Wiirzburg, Ger-
many — %Dep. of Electr. Engineering and Information Techn., TU
Ilmenau, 98684 Ilmenau, Germany — °JoZef Stefan Institute, 1000
Ljubljana, Slovenia — SDESY, 22607 Hamburg, Germany

Layered transition-metal dichalcogenides (TMDCs) are a particularly
promising platform for low-dimensional electronic devices due to their
two-dimensional nature and richness regarding physical phenomena.
This includes non-linear conductance behavior due to, e.g., metal-
insulator transitions and memristive behavior, which is of particular
interest to in-memory computing designs for neuromorphic systems.
By combination of micrometer position- and angle-resolved photoemis-
sion spectroscopy (u-ARPES) in the soft X-ray range with in operando
electrical control, we attempt to study the electronic structure changes
concomitant with thickness changes and non-equilibrium conditions in
device-like structures based on TMDCs. A portrayal of conductance-
governing mechanisms at a fundamental level could help to evolve to-
wards the understanding and engineering of novel band structures,
transport phenomena, and device functionality.
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O 49.1 Wed 15:00 S053
Revised Chen’s derivative rule for efficient simulations of
scanning tunneling microscopy: New results on surface ox-
ides — oKRiszTIAN ParoTis!, Yunsae Lee?, TaAesunN Leg?, and
Avovysius Soon? — 'Wigner Research Center for Physics, Budapest,
Hungary — 2Yonsei University, Seoul, Republic of Korea

Advanced simulation tools of scanning tunneling microscopy (STM)
are vital for the proper understanding of various physical and chem-
ical processes at material surfaces. For this reason Chen’s derivative
rule for electron tunneling has been revised [1] to build a computation-
ally efficient STM simulation tool, based on ab initio electronic struc-
ture. This STM simulation method enables (i) the weighting of tunnel-
ing matrix elements of arbitrary tip-orbital composition, (ii) arbitrary
tip geometrical orientations to mimic asymmetric tip-sample relations,
and (iii) the possibility of quantitative analysis of tip-orbital interfer-
ence contributions to the tunneling current. Recently, this method has
been applied to diverse complex surface oxides [2,3,4], where a better
agreement with STM experiments has been achieved than obtained
with the Tersoff-Hamann (spherical tip orbital) model.

[1] G. Mandi and K. Palotas, Phys. Rev. B 91, 165406 (2015). [2]
T. Lee et al., Nanoscale 11, 6023 (2019). [3] T. T. Ly et al., J. Phys.
Chem. C 123, 12716 (2019). [4] Y.-J. Lee et al., Appl. Surf. Sci. 562,
150148 (2021).

0O 49.2 Wed 15:15 S053
Hydrogen Atom Scattering at Aluminium Oxide — eMARTIN
LieBETRAU and JORG BEHLER — Universitdt Gottingen, Institut fiir
Physikalische Chemie, Theoretische Chemie, Tammannstrafe 6, 37077
Gottingen, Germany

The adsorption of atomic hydrogen is important in many fields, from
heterogeneous catalysis via hydrogen storage to nuclear fusion. Here,
we report molecular dynamics simulations of high-energy hydrogen
atom scattering at the a-AlaO3(0001) surface. Employing a high-
dimensional neural network potential, which allows us to include the
full-dimensional thermal motion of the surface atoms, we are able to
calculate a large number of trajectories with the accuracy of density-
functional theory at a small fraction of the computational costs. In-
vestigating different kinetic energies, surface temperatures and incident
angles, we are able to characterize the scattering process in detail.

0 49.3 Wed 15:30 S053
Adsorption of Gases on [-Gaz0Os Surfaces — eJONATHAN
K. Hormann'2, CeLiNa S. ScuuLze!, MArTIN Franz!, NipIN
KonrLi', DoroTHEE RoseEnzwEIG!, ZBiaNEw GaLazka3, and Hor-
GER EiseLe! — lTechnische Universitit Berlin, Institut fiir Fes-
tkorperphysik, Germany — 2Peter Griinberg Institut (PGI-3),
Forschungszentrum Jiilich, Germany — 3Institut fiir Kristallziichtung,
Germany

B-GagO3 is a wide band gap material, which is promising for high
power and UV (opto-)electronics. The typical n-type doping is con-
trollable via the growth parameters, intentional doping, or post-growth
heat treatment. In this contribution, we address the question of its
surface properties under typical ambient conditions, i. e., under HoO
and O exposure. The -GagO3 single crystals were grown with the
Czochralski method [1]. Using Auger electron spectroscopy (AES), and
scanning tunnelling microscopy/spectroscopy (STM/STS), we show
how the different adsorbed atoms/molecules change the structure and
electronic properties of 3-Ga203 (100) and (001) surfaces under UHV-
conditions. On the (100) surface, large clusters of HoO with an undis-
turbed surface in between were observed. However, STS showed no
change in the electronic states. On the (001) surface, oxygen covered
almost the complete surface. STS showed that O lifts the band bending
inherent in clean -GagQOg3 surfaces.

The project was supported by the Leibnitz Association, Leibnitz
Science Campus GraFOX, project C2-3.

[1] Z. Galazka et al. ECS J. Solid State Sci. Technol. 6 (2017) Q3007

0 49.4 Wed 15:45 S053
Atomic scale studies of chromium species on Fe304(001) —
eMoRriTz EpER!, PANUKORN SoMBUT!, CHUNLET WANG!, MATTHIAS
MEeIer?2, Jir1 PaveLEc!, CESARE FRANCHINIZ3, MICHAEL ScHMID!,

ULrike DieBoLb!, and GARETH PaARkiNsonN! — !Institute of Ap-
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Location: S053

plied Physics, TU Wien, Austria — 2Faculty of Physics and Center
for Computational Materials Science, University of Vienna, Austria
— 3Department of Physics and Astronomy, Alma Mater Studiorum,
Universita di Bologna, Bologna, Italy

Chromium (Cr) ferrite catalysts are industrially employed for the wa-
ter gas shift reaction in order to provide large amounts of molecular
hydrogen.[1] However, the European REACH legislation requires the
removal of hexavalent Cr from all catalysts used in industrial processes
due to its toxicity. Consequently, alternative metals are sought to ful-
fill the role of Cr species in the corresponding compounds.[2] To this
end, one needs a fundamental understanding of Cr on iron oxides.
We present the investigation of Cr species on Fez04(001) by means
of STM and XPS at room temperature. We show the behavior dur-
ing exposure to water gas shift reactants and upon high-temperature
treatment. The results are compared to the behavior of other transi-
tion metals[3] and discussed with respect to implications for applied
catalysis.

[1] Haussinger, Lohmiiller, Watson, Hydrogen, 2. Production. In:
Ullmann’s Encyclopedia of Industrial Chemistry, 2011

[2] Glassner, Int. Surf. Technol.14, p. 36, (2021)

[3] Bliem et al., Phys. Rev. B 92, p. 075440 (2015)

0 49.5 Wed 16:00 S053
Adsorption and structural behaviour of thymine on Ce203
and Ce6WO12 — eSascHA MEHL — Elettra Sincrotrone, Trieste,
Ttaly

Reducible oxides are of particular interest in the field of biological
systems and nanotechnology application for instance in biosensors, bio
medicine and catalysis. The aim is to design novel nano-size structured
thin cerium oxide films that possess bio recognition and bio catalytic
properties to detect macro molecules e.g. nucleic acids. Model studies
of simplified systems such as nucleobases on well-defined oxide sur-
faces play a major role for understanding and development of these
highly promising bio analytical devices. We utilized synchrotron radi-
ation photo electron spectroscopy (SRPES), resonant photo electron
spectroscopy (RPES) and X-ray absorption spectroscopy (XAS) which
provide ideal conditions to obtain oxidation states, structural and ge-
ometrical information on thin organic ad layers. Furthermore, the
focus was on the adsorption behavior, electronic structure and ther-
mal stability in the temperature range of 25 * 250 °C of thymine on
reduced cerium oxide model systems: thymine/Ce203(111)/Cu(111)
and thymine/Ce6WO12(100)/W(110). We distinguished two differ-
ent adsorbed species of thymine on cerium oxide: one strongly bound
chemisorbed type and a second weakly bound physisorbed species in
the multi layer regime which desorbs at 75 °C. Further investigations
have shown that chemisorbed thymine binds to the surface via N-atoms
independent of elementary composition and stoichiometry of the sub-
strate.

0O 49.6 Wed 16:15 S053
Interaction of organic acids with magnetite surfaces -
the DFT perspective — Kal SELLscHOPP!, WERNFRIED MAYR-
ScumoLzZER!, SoMAK BANERJIEE!, JoHANN FLEISCHHAKER!, ROBERT
MEIssNER2, and ¢ GREGOR VONBUN-FELDBAUER! — lInstitute of Ad-
vanced Ceramics, TU Hamburg, Germany — 2Institute of Polymers
and Composites, TU Hamburg, Germany

Magnetite nanoparticles have a high potential for diverse applications
like waste-water treatment, catalysis, and hybrid materials. Formic
acid and phosphoric acid can be viewed as the smallest representatives
of the acids, which are used to functionalize magnetite nanoparticles.
Here, we present results from density functional theory (DFT) calcula-
tions on the adsorption of such acids on magnetite low index surfaces.
For modelling the adsorption, the configuration space is a challenge
and here an approach is presented which allows to sample the adsorp-
tion configuration space and to select configurations as input for DFT
calculations using unsupervised machine learning approaches. The re-
sulting structures allow for in-depth analyses of the systems including
structural and electronic effects.

0 49.7 Wed 16:30 S053
Role of surface termination and orientation on the activity
of CoFe304(001) and (100) surfaces for water oxidation —
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®SHOHREH RAFIEZADEH and ROSSITZA PENTCHEVA — Department of
Physics and Center for Nanointegration Duisburg-Essen (CENIDE),
University of Duisburg-Essen, 47057 Duisburg

CoFez0y4 plays an important role as an anode material for electrochem-
ical water splitting, necessitating detailed understanding of the mecha-
nism of oxygen evolution reaction (OER). This inverse spinel contains
alternating layers of octahedral Co and Fe in the (001) direction and
mixed Co and Fe layers along the (100) orientation. Here, we employ
density functional theory calculations with an onsite Hubbard U term
(DFT+VU) to investigate the OER performance of CoFe204(100) and
iron-rich (001) surfaces and compare to the cobalt-rich (001) surface
[1]. While the overpotentials of Fe reaction sites are above 0.44 V,
octahedral Co shows the lowest overpotential: 0.38 V at the Co-rich
(001) surface and even 0.20 V at the mixed Co-Fe (100) surface when
terminated with an additional tetrahedral Fe-layer. This reduction of
overpotential correlates with a Co2t oxidation state at the surface and
a stabilization of the *OOH intermediate due to hydrogen bonding to
neighboring sites. Support by the German Science Foundation (DFG),
CRC/TRR 247, project B04 and a computational grant at MagnitUDE
are gratefully acknowledged.

[1] H. Hajiyani, R. Pentcheva, ACS Catalysis, 8, 11773-11782 (2018).

O 49.8 Wed 16:45 S053
Complexion Induced Active Phase Evolution in High-
Temperature Solid Oxide Cells — eHanNa TURK, Franz-
PuiLipp ScumipT, THOMAS GOTscH, ROBERT ScHLOGL, AXEL
KNoP-GERICKE, THOMAS LUNKENBEIN, CHRISTOPH SCHEURER, and
KARsTEN REUTER — Fritz-Haber-Institut der MPG, Berlin, Germany

Solid oxide cells (SOCs) are among the most efficient technologies for
energy-to-hydrogen conversion from fluctuating renewable electricity
sources. While SOCs are in principle well adapted to intermittent op-
eration, cell performance and lifetime in electrolysis mode is severely
limited by degradation of the anode. This degradation goes hand in
hand with the oxygen evolution reaction (OER) taking place at the
triple-phase boundary (TPB) between the anode, the solid electrolyte
and the gas phase. Up to now, the atomistic structure of this ac-
tive catalyst region is essentially unknown though, which prevents a
detailed analysis of the actual degradation mechanisms.

Recently, we took the first step in elucidating the TPB structure by
revealing a complexion at the underlying solid|solid interface of the sin-
tered anode[l], featuring partial amorphization and varying elemental
distributions deviating from the confining bulk phases. Based on this
finding, we now expand our force field based Monte-Carlo simulations
to the OER active site. Our experimentally validated results show
unexpected compositional changes with respect to the thermodynamic
equilibrium, that combined with a spatially resolved diffusion study
indicate a hitherto unknown deactivation mechanism of the anode.

[1] H. Tiirk et al., Adv. Mater. Interfaces 8, 2100967 (2021).

O 50: Frontiers of Electronic Structure Theory:
Materials 2

Time: Wednesday 15:00-18:00

0 50.1 Wed 15:00 S054
Automating the Generation of Linearized Augmented
Planewave Basis Functions — eHaNnnaH KLEINE!, SVEN LUBECK!,
AnDRris Gurans?, and Craupia DraxiL! — Humboldt-Universitét

zu Berlin — 2University of Latvia

The linearized augmented planewave (LAPW) and local orbitals (LO)
method is known to be a highly precise scheme for solving the Kohn-
Sham equations of density-functional theory (DFT) for solids. One
drawback, however, is that the LAPW and LO basis functions depend
on linearization energies which are material dependent. We propose an
approach that allows us to compute the linearization energies from the
number of nodes of the respective atomic function. It is implemented
in the all-electron full-potential computer package exciting [1]. Fol-
lowing this prescription, we are able to automatize the generation of
linearly independent basis functions for any material. This approach
not only improves the usability of the method, it also leads to better
reproducibility of results, and prepares the code for high-throughput
calculations.

[1] A. Gulans et al., J. Phys. Condens. Matter 26, 363202 (2014).
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0 49.9 Wed 17:00 S053
Synergistic Effects of Co and Fe on the Oxygen Evolution
Reaction Activity of LaCo,Fe;_,0O3 — eAcHIM FUNGERLINGS
and RossiTza PENTCHEVA — Universitdt Duisburg-Essen, Fakultét
fir Physik, Lotharstr. 1, 47057 Duisburg

The efficiency of the perovskite LaCozFe1_,O3 as a catalyst for the
oxygen evolution reaction was investigated by DFT+U calculations.
The overpotential required to drive the reaction is significantly reduced
upon Co incorporation, with a subsequent nonmonotonic behaviour for
larger amounts of Co. This is supported by electrocatalytic measure-
ments of phase-pure LaCogFei_,O3 samples [1]. With the deproto-
nation of adsorbed *OH being the potential determining step in all
cases, the reason for the observed trend is twofold: Co turns out to be
a more favorable reaction site than Fe, whereas the overpotential of the
latter is decreased upon Co substitution. Variations of the magnetic
moments of the Co and Fe cations during OER reveal the participa-
tion of several, particularly Co, cations up to several layers below the
surface. This extends the concept of the active site.

[1] A. Fiingerlings, A. Koul, M. Dreyer, A. Rabe, D. M. Morales, W.
Schuhmann, M. Behrens, R. Pentcheva, Chem. Eur. J. 27, 17145-
17158 (2021)

0 49.10 Wed 17:15 S053
Hydrophobic pockets on an oxide surface: InO3(111) —
Hao CHEND2, MarTHIAS BLATNIKD3, MICHAEL ScHMID!, BERND
MEeYER?, ULRIKE DieBoLD!, and eMARGARETA WacNeErRDS — 1TU
Wien, Vienna, Austria — 2University of the Chinese Academy of Sci-
ences, Beijing, China — 3CEITEC BUT, Brno, Czechia — *FAU
Erlangen-Nirnberg, Erlangen, Germany

Indium oxide, a transparent conductive oxide (TCO), is widely used in
semiconductor industry but it also displays promising performance in
electro- and photocatalytic reactions. In all applications, surrounding
water molecules may influence chemical processes at the atomic scale,
and understanding the interaction of water with InoOgs is important.

We focus on InpO3(111), which has an intrinsically large unit cell
composed of a hydrophilic and a hydrophobic area. We test the re-
activity of these areas by unraveling the interfacial water structures
for the whole range of water coverages in UHV, from single dissoci-
ated molecules to multilayers, employing TPD, XPS, STM and AFM.
Even at high coverages we clearly see hydrophilicity and hydrophobic-
ity within the unit cell, both in experiments and calculations. Local
accumulation and depletion of water is confirmed by DFT calculations
and ab initio molecular dynamics (MD) simulations for ordered struc-
tures consisting of up to 18 water molecules per unit cell. This first
water layer shows ordering into nanoscopic 3D water clusters sepa-
rated by hydrophobic pockets. Going beyond UHV conditions, our
MD simulations of a liquid layer show the robustness of the strongly
hydrophobic area in the unit cell.

Focus on Artificial Intelligence Applied to Real

Location: S054

O 50.2 Wed 15:15 S054
Hybrid Density-Functional Theory at the Limit: All-electron
Exact Exchange beyond 10,000 Atoms — FLoOriAN MEeRrz!,
oSEBASTIAN KokoTT?, CHRISTIAN CARBOGNO?, Y1 YA03, MARKUS
RaMPP?, MATTHIAS SCHEFFLER?, and VOLKER BLum® — lLenovo
HPC Innovation Center, Stuttgart — 2The NOMAD Laboratory at
the FHI-MPG and HU, Berlin — 3Duke University, North Carolina,
USA — “Max Planck Computing and Data Facility, Garching

The computational bottleneck of hybrid density functionals, such as
HSE [1], is the evaluation of the exact exchange (EXX) contribution.
In this work, we present algorithmic advances in the resolution-of-
identity [2] based, real-space implementation of EXX in FHI-aims [3,4].
By exploiting MPI-3 intra-node shared memory and enhancing the
parallelization scheme, scalability and workload distribution has been
drastically improved, which results in memory efficiency and perfor-
mance increases of up to two orders of magnitude compared to the orig-
inal implementation, for both total energies and forces/stresses. [3,4]
We discuss the details of our implementations and demonstrate the per-
formance as well as scalability for a balanced test set covering inorganic
solids, large molecules, and organic crystals with up to 10,000 atoms.
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Eventually, we show how these advancements enable insights for the
design and optimization of hybrid organic/inorganic perovskites.

[1] Heyd, Scuseria, and Ernzerhof, J. Chem. Phys. 118.18, (2003).
[2] Thrig et al., New J. Phys. 17.9, (2015).

[3] Levchenko et al., Comp. Phys. Commun. 192, (2015).

[4] Knuth et al., Comp. Phys. Commun. 190, (2015).

O 50.3 Wed 15:30 S054
Studying nuclear quantum effects on water splitting at a
charged interface — eKAREN FiDANYAN and MARIANA Rossi —
Max Planck Institut for the Structure and Dynamics of Matter

Interfaces of water with charged metallic surfaces are relevant for mul-
tiple technological processes.! In particular, in electrolyzers, the water
splitting reaction happens at charged metallic electrodes. The atom-
istic mechanisms of this fundamental reaction is determined not only
by the surface charge induced by the potential bias, but also by nuclear
quantum effects (NQE), which are known to impact such reactions
strongly.? In this work, we present steps towards a framework for an
ab initio evaluation of the interplay between these two effects. By mak-
ing use of a new implementation of the nudged-elastic-band method
in the i-PI software,® we are able to calculate forces for this reaction
from a variety of electronic-structure codes. At first, we approximate
the electrode by a slab using density-functional theory with an applied
homogeneous electric field and study how NQEs are changed through
the water dissociation paths under different field strengths. Taking
advantage of the capabilities of i-PI to connect to other codes, our
framework can be extended to more accurate models of the potential
bias, as for example grand-canonical electronic structure methods.

[1] G. Gonella et al., Nat Rev Chem 5, 466-485 (2021).

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

[3] V. Kapil et al., Comp. Phys. Comm. 236 214-223 (2019).

O 50.4 Wed 15:45 S054
All-Electron BSEQGW Method for K-Edge Core Electron
Excitation Energies — oY1 Yao!2, DoroTHEA GoLzE?#, PATRICK
Rinke?, VorLker Brum?®, and Yosuke Kanarl! — !Department
of Chemistry, University of North Carolina at Chapel Hill, Chapel
Hill, North Carolina 27599, United States — 2Thomas Lord Depart-
ment of Mechanical Engineering and Materials Science, Duke Uni-
versity, Durham, North Carolina 27708, United States — 3Faculty
of Chemistry and Food Chemistry, Technische Universitdt Dresden,
01062 Dresden, Germany — “*Department of Applied Physics, Aalto
University, P.O. Box 11100, FI-00076 Aalto, Finland — 5Department
of Chemistry, Duke University, Durham, North Carolina 27708, United
States

We present an accurate computational approach to calculate K-edge
core electron excitation energies, achieved by combining all-electron
GW and Bethe-Salpeter equation (BSE) methods. We assess the
BSE@QGW approach for calculating K-edge X-ray absorption spec-
tra using a set of small organic molecules and also a medium-sized
sulfur-containing molecule, which was used in a past benchmark of an
equation-of-motion coupled-cluster (EOM-CC) method by Peng and
coworkers [Peng et al., J. Chem. Theory Comput., 11, 4146 (2015)].
We present the influence of different numerical approximations. We
assess the basis set dependence and convergence. We identify the im-
portance of core-correlation basis functions as well as the augmenting
basis functions. Compared to the experimental values, the predicted
mean absolute error by BSEQGW is as low as 0.6-0.7 eV.

0O 50.5 Wed 16:00 S054
Hybrid excitations at the interface between MoS2> mono-
layer and organic molecules from first-principle calcula-
tion — elaNacio GonzaLEz OLival, FaBio Carusol2, PASQUALE
PavonNe!, and Craupia Draxr! — llnstitut fiir Physik and IRIS
Adlershof, Humboldt-Universitat zu Berlin, 12489 Berlin, Germany
— 2Institut fiir Theoretische Physik und Astrophysik, Christian-
Albrechts-Universitat zu Kiel, 24118 Kiel, Germany

Hybrid materials composed of organic and two dimensional (2D) in-
organic semiconductors are receiving increasing attention due to the
interesting physical processes happening at the interface. We present a
first-principles investigation of the electronic and optical properties of
hybrid organic-inorganic interfaces consisting of a MoS2 monolayer and
the m-conjugate molecules pyrene and pyridine. Employing the GoWy
approximation to obtain the quasi-particle band structures, and solv-
ing the Bethe-Salpeter equation, we compute the absorption spectra.
The latter reveal intralayer excitons on the MoSs side, and also hy-

80

brid as well as charge-transfer excitons at the interface. Our findings
indicate that hybrid systems consisting of semiconducting transition-
metal dichalcogenides and organic m-conjugate molecules can host a
rich variety of optical excitations and thus provide a promising venue
to explore exciton physics in low dimensionality.

0 50.6 Wed 16:15 S054
Mott Metal-Insulator Transition from Steady-State Density
Functional Theory — eDavip Jacos!:2, GiaNLuca STEFaNUCCI®,
and SteraN Kurru'24 — 1Universidad del Pafs Vasco UPV/EHU,
San Sebastian, Spain — 2Tkerbasque Foundation, Bilbao, Spain —
3Universita di Roma Tor Vergata, Rome, Italy — *Donostia Interna-
tional Physics Center, San Sebastian, Spain

We present a computationally efficient method to obtain many-body
spectral functions of bulk systems in a density functional theory frame-
work [1]. To this end we generalize a recently developed method
for computing many-body spectral functions of nanoscale systems [2],
based on steady-state density functional theory (i-DFT) and using an
idealized scanning tunneling microscope (STM) setup, to the case of
bulk systems. In this setup the spectral function can be obtained
from the finite-bias differential conductance of the current through the
STM tip. The fictitious noninteracting system of i-DFT features an
exchange-correlation (XC) contribution to the bias which guarantees
the same current as in the true interacting system. Exact properties of
the XC bias are established using Fermi-liquid theory and subsequently
implemented to construct approximations for the Hubbard model. We
show for two different lattice structures that our method captures the
Mott metal-insulator transition.

References: [1] D. Jacob, S. Kurth, G. Stefanucci, Phys. Rev.
Lett. 125, 216401 (2020); [2] D. Jacob and S. Kurth, Nano Lett. 18,
2086 (2018).

0 50.7 Wed 16:30 S054
Network of 1d edge channels and localized states emerging in
moiré system — eJEYoNG PARK, JiINHONG PARK, and AcuiM Roscu
— Institute of theoretical physics, University of Cologne, Germany

For the general moiré system, we theoretically study the effective
Hamiltonian for single layer considering the smooth periodic moiré
potential induced by other layer, which appears because of distance
difference between each pair of atoms located on different layer. For
moiré potential larger than tunable moiré energy scale, we find the
coexistence of 1D channels and localized state in real space. The 1D
channels emerge along the three 1D lines where the mass gap of sin-
gle layer coming from moiré potential becomes zero, which is showing
that these channels are the edge states. Localized states emerge at the
crossing point of three 1d lines. We construct the toy model which
describes the coexistence of these states by symmetry analysis and
consider the RKKY interaction between localized states which is me-
diated by 1D channels by including whole spin and valley degrees of
freedom. Expanding the effective action for the toy model and con-
trolling chemical potential to suppress oscillation coming from fermi
momentum gives three spin interaction S - (S x S), which can give
chiral spin liquid phase. We show how the analytical result can be
seen in our model numerically and propose the graphene on top of AB
stacking bilayer with twist as the candidate material for realization.

0O 50.8 Wed 16:45 S054
Incorporating First-Principles Electronic Friction in Instan-
ton Rate Theory — eYair LiTmaN!, Eszrer S. Pos!, ConNoOR
L. Box?, Rocco MARTINAZZO®?, REINHARD J. MAURER?, and MARI-
ANA Rossi! — IMPI for the Structure and Dynamics of Matter, Ham-
burg, Germany. — 2Department of Chemistry, University of Warwick,
Coventry, United Kingdom — 3Department of Chemistry, Universita
degli Studi di Milano, Milano, Italy

Reactions involving impurities in bulk metals are ubiquitous in a wide
range of technological applications. The theoretical modelling of such
reactions present a challenge for theory because nuclear quantum ef-
fects (NQESs) can play a prominent role and the coupling of the atomic
motion with the electrons in the metal gives rise to important non-
adiabatic effects (NAEs). In this work, we present a theoretical frame-
work for the calculation of reaction rates capable of capturing both
NQEs and NAEs for high-dimension realistic systems [1,2]. This is
achieved by combining the ring polymer instanton (RPI) formalism
with ab initio electronic friction from Ref. [3]. We derive equations
that incorporate the spatial and frequency dependence of electronic
friction, and name the new method RPI with explicit friction (RPI-
EF). We validate RPI-EF against numerically exact results and find,
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quantitatively, how the friction modifies reaction rates and tunnelling
pathways. Finally, we present ab initio results for H-hopping in se-
lected bulk metals. [1] Y. Litman, E. S. Pos, C. L. Box, R. Martinazzo,
R. J. Maurer, and M. Rossi, JCP 156, 194106 (2022) [2] id. JCP 1586,
194107 (2022) [3] M. Head-Gordon, J. C. Tully, JCP 96, 3939 (1992).

0O 50.9 Wed 17:00 S054
Real-Time Time-Dependent Density Functional Theory
within the FHI-aims code — Joscua HEkELE!, Y1 YAa02, VOLKER
Brum?, Yosuke Kanar3, and ePeTErR Krarzer! — lFaculty of
Physics, University Duisburg-Essen, 47057 Duisburg, Germany —
2Thomas Lord Department of Mechanical Engineering and Materi-
als Science, Duke University, Durham, North Carolina 27708, USA —
3Department of Chemistry, University of North Carolina, Chapel Hill,
North Carolina 27599, USA

We present a high-precision all-electron RT-TDDFT implementation
using numerical atom-centered orbital (NAO) basis functions into FHI-
aims. First, RT-TDDFT results are validated against linear-response
TDDFT results for the molecules of Thiel’s test set and the importance
of basis augmentation for adequate convergence is confirmed. Adopting
a velocity-gauge formalism, dielectric properties of crystalline materi-
als are calculated. Taking advantage of the all-electron full-potential
implementation, we present applications to soft X-ray spectra of HoO
using hybrid functionals. Moreover, numerical performance tests are
presented showing almost linear scaling on parallel computers.

O 50.10 Wed 17:15 S054
Ab initio study of many-body interacting nonlinear optical
photoconductivity tensors — ePrio GARcia-GoIRICELAYAL, Jy-
or1 Krisunal, and JULEN IBANEZ-AzpPiroz!'2 — 1Centro de Fisica
de Materiales, University of the Basque Country UPV/EHU, Spain —
2IKERBASQUE Basque Foundation for Science, Spain

We present a general scheme for calculating the many-body interact-
ing second-order optical photoconductivity tensor from first-principles.
Our practical implementation starts from the length-gauge formulation
of the single-particle non-interacting second-order response tensor [1]
that is efficiently calculated using Wannier interpolation [2]. In a sec-
ond step, we make use of the TD-CDFT in order to extract the many-
body interacting response tensor, taking into account collective exci-
tations, i.e. excitonic effects for semiconductors and plasmonic effects
for metals. We employ this scheme to assess the impact of many-body
excitations on second harmonic generation and benchmark our results
with experiments on the semiconducting GaAs [3| and the semimetal
TaAs [4], as well as with early calculations [5].

Funding provided by the European Union’s Horizon 2020 research
and innovation programme under the European Research Council
(ERC) grant agreement No 946629.

[1] J. E. Sipe and A. I. Shkrebtii, Phys. Rev. B 61, 5337 (2000).

[2] G. Pizzi et al., J. Phys. Cond.Matt. 32, 165902 (2020)

[3] S. Bergfeld and W. Daum, Phys. Rev. Lett. 90, 036801 (2003).

[4] Shreyas Patankar et al., Phys. Rev. B 98, 165113 (2018).

[5] E. Luppi et al., Phys. Rev. B 82, 235201 (2010).

O 50.11 Wed 17:30 S054
Electron-phonon drag in MgB; — eNakiB ProTik and CrLAU-
DIA DRAXL — Institut fiir Physik and IRIS Adlershof, Humboldt-
Universitit zu Berlin, Berlin, Germany

MgB32 is a well known phonon-mediated superconductor with a tran-
sition temperature around 40 K. The strong electron-phonon interac-
tions present in the material also give rise to strong drag phenom-
ena, as has been demonstrated experimentally in Refs. [1, 2]. While
the measured thermopower in the normal phase shows hole-like trans-
port, there is, however, no consensus regarding the sign and tempera-
ture dependence of the drag contribution. In this work, we carry out
anisotropic and band-resolved ab initio transport calculations to in-
vestigate this puzzle. Our findings will shed light on the roles of the
microscopic interactions on the strong drag behavior in metals.

[1] Schneider, Matthias, Dieter Lipp, Alexander Gladun, Peter Zahn,
Axel Handstein, Giinter Fuchs, Stefan-Ludwig Drechsler, Manuel
Richter, Karl-Hartmut Miiller, and Helge Rosner. "Heat and charge
transport properties of MgBs." Physica C: Superconductivity 363, no.
1 (2001): 6-12.

[2] Putti, M., E. Galleani d’Agliano, D. Marre, F. Napoli, M. Tas-
sisto, P. Manfrinetti, A. Palenzona, C. Rizzuto, and S. Massidda.
"Electron transport properties of MgB2 in the normal state." The Eu-
ropean Physical Journal B-Condensed Matter and Complex Systems
25, no. 4 (2002): 439-443.

0 50.12 Wed 17:45 S054
Ab initio simulations of vibrational sum frequency generation
without molecular decomposition — ePaoLo LazzaronNi, ALAN
Lewis, and MARIANA Rosst — Max Planck Institute for the Structure
and Dynamics of Matter, Hamburg, Germany

Hydrogen evolution through heterogeneous catalysis is an increas-
ingly popular solution for storage of energy generated from renew-
able sources, and as such is becoming a central part of green energy
grids. Understanding the structure of water at solid interfaces is vi-
tal to find more efficient and cost-effective catalysts of this reaction,
and sum-frequency generation spectroscopy provides a surface-specific
method of investigating these structures [1]. In this work we present
a new framework for ab initio calculations of the sum-frequency re-
sponse which avoids the need for an arbitrary molecular decomposi-
tion of the polarizability and dipole moment. Within this approach,
based on Density Functional Theory, the observables are evaluated us-
ing real space integrals directly on the whole system [2]. This allows
us, for example, to unravel the effect of this decomposition on the
sum-frequency response of the much-studied water/vacuum interface.
This scheme also enables us, in the context of water-solid interfaces, to
account explicitly for the contribution of the solid to the polarizability
and dipole moment of the interface, which are commonly neglected.
[1] A. Morita, J. Hynes, J. Phys. Chem. B 106, 673 (2002)

[2] H. Shang et al, New J. Phys. 20, 073040 (2018)

O 51: Poster Wednesday: Atomic-Scale Studies of Spins on Surfaces with Scanning Tunneling
Microscopy

Time: Wednesday 18:00-20:00

O 51.1 Wed 18:00 P4
Nickelocene molecule as an STM magnetic sensor — e ANDRES
Pinar SoLE, OLEKSANDR STETSOVYCH, PAVEL JELINEK, ALES
CaHLIK, CHRISTIAN WAKERLIN, and JINDRIC KoLorREnc — Czech
Institute of Physics, Prague, Czech Republic, Email: pinar@fzu.cz

Functionalization of the scanning probe of a scanning tunnelling mi-
croscopy (STM) with metallocene molecule allows performing spin-
sensitive measurements on magnetic systems. Here, we used a nicke-
locene molecule (NiCp2), consisting of a Ni atom sandwiched between
two cyclopentadienyl rings. As an S=1 system, it presents magnetic-
induced spectral features due to the inelastic electron spin-flip.

First, we examined 1D metallorganic coordination polymers (2,5-
diamino-1,4-benzoquinonediimines) on Au(111) with Co or Cr atoms
as metal sites respectively. Nickelocene IETS conductance spectrum
deformation was only sensitive to the out-of-plane magnetic anisotropy
of the Cr.

Secondly, the Nc functionalized probe was also used to measure the
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magnetism emerging from the unpaired electron on the edge of a wave-
like graphene nanoribbon (GNR) on Au(111). Here, we observed spec-
tral convolution between a Kondo feature from the edge-state and the
nickelocene spectrum.

To understand the IETS from the magnetic sensor, a many-body
Hubbard model was proposed, and the system was simplified to a two-
site model consisting of the partially filled 3d shell of the nickelocene
and a 3d shell in the probed magnetic center.

O 51.2 Wed 18:00 P4
Yu-Shiba-Rusinov band dispersion of infinite Mn chains on
top of a semi-infinite Nb(110) surface — eRik BROEKHOVEN,
ARTEM PULKIN, ANTONIO MANESCO, SANDER OTTE, ANTON AHK-
MEROV, and MicHAEL WIMMER — Delft University of Technology,
Delft, The Netherlands

Chains of magnetic atoms on s-wave superconductors have been pro-
posed to have a topological non-trivial phase, when the induced in-gap
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Yu-Shiba-Rusinov (YSR) bands are p-wave gapped by for example
spin-orbit coupling. In order to determine the topological phase dia-
gram, experiments were previously limited to probing local quantities
of the chain. Recent improvements in STM methodology have made
it possible however to now also probe the YSR band dispersion rela-
tion. It was found to be highly dependent on the chain spacing and
orientation with respect to the superconductor lattice.

Motivated by this discovery, here we present a method to evaluate
the in-gap dispersion relation of chains with different orientations and
spacing. In contrast to previous works, we work with infinite chains
on a semi-infinite surface to make sure the system is larger than the
superconductor coherence length. We focus on Mn atoms on top of
superconducting Nb(110). First, we derive an effective tight-binding
model from ab initio calculation, and subsequently we use the mul-
tidimensional Green’s function formalism to extend to a semi-infinite
system and solve for the corresponding in-gap YSR bands.

O 51.3 Wed 18:00 P4
Unravelling the Magnetic Ground State of All-Organic Di-

radicals on Au Substrates — eALESsi0 VEGLIANTE!, SALETA
FERNANDEZZ, Ricarpo ORTIz®, NikLas FRIEDRICH!, ANDREA
Acuirre!, Francisco RomEero!, Dieco PENA?, and THOMAS

FREDERIKSEN® — 1CIC NanoGUNE, San Sebastian, Spain —
2CiQUS-USC, Santiago de Compostela, Spain — 3Donostia Interna-
tional Physics Center, San Sebastian, Spain

Open-shell organic molecules have received considerable interest as po-
tential candidates for molecular spintronics. Magnetism can emerge in
all-organic molecules due to the presence of one or more unpaired -
electrons. Organic diradicals, hosting two spin centers, are particularly
interesting as model systems for investigating and manipulating mag-
netic interactions at the atomic scale.

Here we study the magnetic state of a Chichibabin*s hydrocarbon
diradical deposited on a gold substrate, by using scanning tunneling
microscopy (STM) and spectroscopy (STS). We investigate the inter-
action between the two spin centers of the molecule, focusing on the
influence of the molecular geometry. With the support of theoret-
ical simulations, we show that the adsorption on the metal surface
changes the ground state of the molecule from a triplet, expected in
the gas phase, to a singlet state. Furthermore, we demonstrate that it
is possible to modify the magnetic state of the diradical through con-
formational changes induced by the STM tip. These findings represent
an important step towards the control of magnetic interactions within
purely organic molecules.

O 51.4 Wed 18:00 P4
Quantifying the interplay between fine structure and ge-
ometry of an individual molecule on a surface — eMANUEL
STEINBRECHER!, WERNER M.J. v. WEERDENBURG!, ETIENNE F.
WALRAVENY, NieLs P.E. v. MuLLEkoM?, JAN W. GERRITSEN!,
FaBian D. NarTerRer?, Danis I. BADrRrDINOV!, ALEXANDER N.
RupENkO*1, VLADIMIR V. MAZURENKO®, MIKHAIL I. KATSNELSON!,
Ap v.p. Avoirp!, GERRIT C. GROENENBOOM', and ALEXANDER A.
KuaseToorians! — lInstitute for Molecules and Materials, Radboud
University, Nijmegen, The Netherlands — 2Department of Physics,
University of Zurich, Switzerland — 3Ekaterinburg — %School of

Physics and Technology, Wuhan University, China

With spin-resolved scanning tunneling microscopy (SP-STM) and elec-
tron spin resonance (ESR) we have probed single TiH molecules de-
posited on a thin insulating MgO layer in a vector magnetic field at
mK temperatures down to MHz frequencies. We find that the molecule
retains a non-trivial orbital angular momentum resulting in a strongly
renormalized and anisotropic g-tensor. As we prove, the latter does
not stem from Kondo or Jahn-Teller effects. From quantum chemistry
embedded cluster calculations we find an analytical expression for the
g-tensor, which solely depends on the splitting of the ground states
and the spin-orbit coupling. In a dynamic expansion of the model, the
position of the H atom and rotational dynamics of the molecule were
investigated. [1] Steinbrecher et al., PRB 103, 155405 (2021) [2] v.
Weerdenburg et al., RSI 92, 033906 (2021)

O 51.5 Wed 18:00 P4

Magnetic molecule as a parity sensor in entangled spin and
YSR excitation on a superconductor — eJon ORTUZAR!, STE-
FANO TRivINI', KATERINA VAXEVANI!, JINGCHEN Li°, ANE GARRO!,
MiGUEL ANGEL CAzADILLA®, SEBASTIAN BERGERET?'3, and JosE Ia-
Nacio PascuanLl? — 1CIC nanoGUNE-BRTA, San Sebastian, Spain

— 2Centro de Fisica de Materiales (CFM-MPC), San Sebastian, Spain
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— 3Donostia International Physics Center (DIPC), San Sebastian,
Spain — “Ikerbasque, Bilbao, Spain — ®School of Physics, Sun Yat-sen
University, Guangzhou, China

A magnetic molecule coupled to a superconductor induces Yu-Shiba-
Rusinov (YSR) bound states, detected by tunneling spectroscopy as
long-lived quasiparticle excitations inside the superconducting gap [1].
The degeneracy of the system can be lifted by intrinsic magnetic
anisotropy so that entangled spin and YSR excitations are possible
[2]. We tune the exchange coupling between a FeTPP-Cl molecule and
the proximitized Au(100)/V substrate to go through a Quantum Phase
Transition from an unscreened half-integer spin (even parity) system
to a screened integer spin (odd parity) system [3]. We use a single site
superconductor model [4] to prove the capability to detect the parity
of the system, getting fundamental insight into the interplay of YSR
and spin excitation.

[1] B. W. Heinrich, et. al., Prog. Surf. Sci.93, 1 (2018) [2] N. Hatter,
et. al., Nat. Commun.6, 8988 (2015) (3] S. Kezilebieke, et. al., Nano
Lett.19, 4614 (2019) [4] F. von Oppen and K. J. Franke, Phys. Rev.
B103, 205424 (2021).

O 51.6 Wed 18:00 P4
Electronic Properties of Dysprosium-based Fe-Porphyrins
Metal-Organic Coordination networks on Au(111l) and
Ag(100) Substrates — eSeriM Jeon'3, Lukas Seprer!?, Co-
RINA Urpaniz!:2, CaroLiNe HommEeL':?, ANDREAs Heinricab2,
Curistorn WoLr!2, and Luciano Corazzo2 — ICenter for Quan-
tum Nanoscience, Institute for Basic Science, Seoul, Republic of

Korea — 2Ewha Womans University, Seoul, Republic of Korea —
3Department of Physics, Ewha Womans University
Dy has become the cornerstone for many investigations on

lanthanide-directed molecular-magnetism, thanks to its strong mag-
netic anisotropy. Iron Tetrapyrrole complexes, on the other hand,
have shown promise as materials for quantum information processing.
Creating a platform that incorporates both might have a way for the
realization of multiqubit architectures. The presented study describes
electronic properties within a metal-organic network MOF consisting of
Iron-Tetrakis-(4-Cyanophenyl) Porphyrin Fe-TCPP and Dysprosium.
Fe-TCPP was deposited on Au(111), Ag(100), and MgO/Ag(100). The
deposition of Dy induces coordination between the cyano groups and
the lanthanide atoms and gives rise to ordering and the formation of
large islands of 2D MOF. The lanthanide-based organic network was
examined by scanning tunneling microscopy STM on the substrates.
Significant shifts in the energy of LUMO of the MOFs were observed
via scanning tunneling spectroscopy STS after deposition of Dy. The
results were combined with ab initio calculation to further elucidate
the electronic structure of the deposited materials.

O 51.7 Wed 18:00 P4
Long-lived spin states of Fe atomic chains on CuzN via
Hamiltonian engineering — RosBit J. G. ELBERTSE!, e TAEHONG
Ann?3, Jrvoon Hwang?3, JeoneMIN On?3, JorN C. RIETVELD!,
SanDER OTTE!, ANDREAS J. HEINRICH?3, and Yuseong Bar??3 —
IDepartment of Quantum Nanoscience, Kavli Institute of Nanoscience,
Delft University of Technology, Lorentzweg 1, Delft 2628 — 2Center
for Quantum Nanoscience, Institute for Basic Science, Seoul, Korea —
3Department of Physics, Ewha Womans University, Seoul, Korea

A spin-polarized scanning tunneling microscope (STM) operating at
various magnetic fields allows us to characterize the spin relaxation
time of atomic structures on a surface, enabling Hamiltonian engineer-
ing. Here, we introduce 1D Fe atomic chains built on CuzN/Cu(100)
using a home-built STM and the evolution of their spin lifetime de-
pending on the length of chains and the direction and magnitude
of magnetic fields. To measure the spin lifetime ranging from 106
to 10 seconds, we used two different detection schemes; pump-probe
[Science 329, 1628-1630 (2010)] and two state switching [Science 335,
196-199 (2012)]. We observed the spin lifetime of Fe chains changes
non-monotonically as passing through a diabolic point with varying
magnetic fields changes the degree of superposition of the two Neél
states in the lowest energy eigenstates. To control the spin lifetime of
Fe chains, we use magnetic fields as a control knob. Our work shows
a capability of the spin lifetime in a large time scale and the precise
control of spin dynamics in engineered atomic structures.

0O 51.8 Wed 18:00 P4
Local characterization of Yu-Shiba-Rusinov excitations
in magnetic field — eNieLs P.E. van MuLLEkoMm!, BEeN-
JAMIN VERLHAC!, WERNER M.J. vAN WEERDENBURG', HERMANN
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OSTERHAGE!, MANUEL STEINBRECHER!, KATHARINA J. FRANKEZ,
and ALEXANDER A. KuaJeToorians! — llnstitute for Molecules
and Materials, Radboud University Nijmegen, the Netherlands —
2Fachbereich Physik, Freie Universitéit Berlin, Germany.

An isolated spin, typically derived from an atomic or molecular ad-
sorbate, can interact with a BCS superconductor leading to so-called
Yu-Shiba-Rusinov (YSR) excitations. These excitations can be probed
with scanning tunneling microscopy/spectroscopy (STM/STS), which
are often characterized by resonances that reside in the superconduct-
ing gap and are linked to the excitation energies. These spin-based
excitations to date have been poorly studied in magnetic fields, due
to influence of magnetic fields on typical BCS superconductors. Here,
utilizing STM/STS at milliKelvin temperatures, we report on a study
of the YSR excitations of individual adsorbates in variable magnetic
field.

O 51.9 Wed 18:00 P4
Extending the spin excitation lifetime of a magnetic molecule
on a proximitized superconductor — eKATERINA VAXEVANI',
SteFaNo TriviNi!, JinecHENG L1, Jon ORruzar!, DONGFEI
Wang!, DaniLo Lonco!, and Jose IaNacio Pascuarl:?
1CIC nanoGUNE-BRTA, 20018 Donostia-San Sebastian, Spain —

2Ikerbasque, Basque Foundation for Science, 48013 Bilbao, Spain

Magnetic molecules adsorbed on surfaces have been used as a platform
to individually address and manipulate spins. Long spin-relaxation
times are required in order to be able to use atomic spins in quantum
information processing and data storage. Normally, coupling of the
spin with the conduction electrons of metallic substrates can quench
the excited state lifetime and lead to short relaxation times, but the
presence of superconducting paring effects in the metal substrate can
protect the excited spin from relaxation[1]. Here, we use a substrate of
a few monolayers of gold epitaxially grown ontop of an oxygen recon-
structed 1x5-V(100) surface to decouple the molecular spin of an iron-
porphyrin-chloride from itinerant electrons. The gold film exhibits a

O 52: Poster Wednesday:

Time: Wednesday 18:00-20:00

0O 52.1 Wed 18:00 P4
Investigation of the influence of the spin in adsorption struc-
tures of oxygen on a cerium chloride catalyst surface in the
Deacon process using computational methods — eKATHRIN
Nieswikc and Franziska Hess — Technische Universitdt Berlin, In-
stitut fiir Chemie, Strafle des 17. Juni 124, 10623 Berlin, Germany

CeOaz-based catalysts in the HCI oxidation undergo reversible deacti-
vation by forming CeCls. This works examines the interaction of the
CeCl3-(110)-surface with O2 during the reoxidation of CeCls. CeCls
is an insulator, where Ce is 9-fold coordinated that exposes differ-
ent adsorption sites at the surface. Different adsorption structures of
atomic and molecular oxygen on the CeClz-(110)-surface are exam-
ined in terms of energy, electronic state and magnetization. Cerium-
based catalyst systems are investigated by DFT calculations in the
PAW approach with the PBE functional including Hubbard-U correc-
tion. Ab-initio thermodynamics are employed to analyze temperature
and pressure-dependency of oxygen adsorption on the surface. Upon
adsorption of oxygen on the surface, Ce3t can be locally oxidized to
Ce*™, resulting in different spin and charge density distributions. Con-
sequently, the adsorption energies of oxygen can variate by over 1 eV,
depending on the initial spin state. The ab-initio thermodynamics
analysis based on the obtained oxygen adsorption energies suggests
that the CeCls surface is expected to be covered by oxygen due to the
strong Ce-O bond. These results suggest that spin must be explic-
itly included when examining adsorption on CeCls surfaces in order to
obtain correct adsorption energies for catalysis applications.

0O 52.2 Wed 18:00 P4
Influence of the Substrate Orientation Dependent Reactiv-
ity on the On-surface Ullmann Coupling Reaction of 2,2-
Dibromobiphenyl Studied by XPS — ePauL ScHWEER and
KARINA MORGENSTERN — Chair of Physical Chemistry I, Ruhr-
University of Bochum, Germany

The Ullmann coupling reaction is considered the leading approach for
accessing low dimensional covalent organic structures in the context

proximitized superconducting gap with in-gap de Gennes-Saint James
resonances, which protects molecular spin excited states and results
into a lifetime of 7=80ns. The spin lifetime decreases with increasing
the film thickness due to the gradual gap-closing by the in-gap states.
Our results elucidate the use of proximitized gold electrodes for ad-
dressing quantum spins on surfaces, envisioning new routes for tuning
the value of their spin lifetime.
[1] B. W. Heinrich et al., Nature Physics 9, 765 (2013).

O 51.10 Wed 18:00 P4
The Emergence of Magnetism in [5]-Aza-Triangulene —
eLORENZ MEYER!, FrRaNcIsco RoMERO LarAl, NikLAs FRIEDRICH!,
AvLgssio VEGLIANTE!, MANUEL ViLas VARELAZ, UNal URIARTE
Amiano!, Nararia KovaLl, EmiLio ArracHo Corrgs!, DiEco
PERNA GiL?, and Jose Ienacio Pascuar! — 11 CIC nanoGUNE, San
Sebastian (Spain) — 2Centro Singular de Investigacion en Quimica
Biologica y Materiales Moleculares (CIQUS), Santiago de Compostela
(Spain)
Zigzag-edged Graphene triagulenes are known to host a magnetic
ground state due to sublattice imbalance. The magnetic properties
of these structures can be tuned by the size of the triangulene or via
heteroatom substitution. This makes them intriguing for future spin-
tronic applications paving the way towards organic logical devices. So
far, the influence of heteroatoms in larger triangulenes seems to be
unknown. In our work, we report the bottom-up synthesis of [5] aza-
Triangulene by means of surface-assisted cyclodehydrogenation on a
Au(111) surface. Electronic transport measurements carried out with
a scanning tunneling microscope reveal the high-spin ground state of
this molecule via low energy phenomena. Additionally, we shine light
on not only the influence of heteroatoms but also of additional Hy-
drogen atoms and defects which are able to tune the magnetic ground
state. Density functional theory and Mean-Field-Hubbard calculations
confirm the spin texture and the electronic structure of the observed
molecules.

Adsorption and Catalysis 2
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of on-surface synthesis. Despite extensive studies on the influence
of the halogen substitution pattern of the halogen-aryl precursor on
the reaction mechanism and product formation, the impact of ortho-
substitution is barely investigated. Hence, this work aims to reveal the
temperature-induced reaction steps for 2,2-dibromobiphenyl on low-
index Cu surfaces. For this purpose, the precursor is deposited in
ultra~high vacuum at 86 K and stepwise annealed to 600 K. By us-
ing X-ray photoelectron spectroscopy, chemical changes of the organic
species and the bromine atoms are identified and assigned to the typ-
ical Ullmann reaction steps: dissociation of the halogen-carbon bond,
surface bonding, and C-C coupling. Here, we further discuss differ-
ent precursor reactivities on Cu(111) and Cu(110) and an additional
binding energy shift on Cu(110), indicating a structural change of the
surface bound biphenyl before C-C coupling at a higher temperature.

0 52.3 Wed 18:00 P4
Surface Chemistry of the MOST Energy Storage Sys-
tem 2-Carbethoxy-3-Phenyl-Norbornadiene/Quadricyclane
— eoFELIX HEMAUER, CORNELIUS WEISS, JOHANN STEINHAUER,
VALENTIN ScCHWAAB, HANS-PETER STEINRUCK, and CHRISTIAN PApPP
— Friedrich-Alexander-Universitat, Erlangen, Germany

The intermittent character of renewable energy sources gives the ne-
cessity for novel energy storage technologies. So-called molecular solar
thermal (MOST) energy systems directly combine the light-harvesting
process with storing the gained energy as molecular strain. In a photo-
conversion reaction, the energy-lean norbornadiene (NBD) is converted
to its energy-rich valence isomer quadricyclane (QC). By derivatiza-
tion of the molecular framework, the light-harvesting properties of the
molecules are optimized.

The pair 2-carbethoxy-3-phenyl-NBD /QC was investigated as model
system for heterogeneously catalyzed energy release. X-ray photoelec-
tron spectroscopy was employed to study the adsorption and thermal
evolution on a Ni(111) and Pt(111) surface, respectively. An unam-
biguous identification of the QC and NBD derivatives at low tempera-
ture was possible on both surfaces. In case of nickel, no cycloreversion
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of the QC derivative to NBD was found, but individual decomposition
routes setting in at about 170 K. For platinum, the back conversion
under energy release was found to start at 150 K and being completed
at 230 K. Above 300 K, a fragmentation into carbonaceous species oc-
curred. The work was supported by the DFG (Project No. 392607742)
and the HZB for allocation of synchrotron radiation beamtime.

0 524 Wed 18:00 P4

Temperature-induced surface reactions of 1-cyclohexylethanol

and acetophenone on Pt(111) — eVALENTIN ScHWAAB, FELIX
HEMAUER, EvA MARIE FREIBERGER, NATALIE WALEskA, HANs-
PETER STEINRUCK, and CHRISTIAN Papp — Friedrich-Alexander-

Universitét, Erlangen, Germany

1-Cyclohexylethanol (1-CHE) is an interesting candidate when it
comes to molecular energy storage systems. Such secondary alcohols
can function as electrofuel, whereby their oxidation over a platinum
electrode yields the respective ketone together with two electrons and
two protons. Additionally, 1-CHE and acetophenone (APH) repre-
sent an attractive liquid organic hydrogen carrier (LOHC) pair, as the
complete dehydrogenation of the former leads to the release of four
equivalents of Ha.

To gain fundamental insights into the surface reaction of both
molecules, high-resolution temperature-programmed X-ray photoelec-
tron spectroscopy experiments (HR-TPXPS) were carried out on a
Pt(111) model catalyst. Based on the obtained C 1s and O 1s data,
the dehydrogenation reaction of the alcohol and the formation of po-
tential catalyst poisoning decomposition products are discussed.

We acknowledge financial support by the Bavarian Ministry of Eco-
nomic Affairs, Regional Development and Energy, and by the DFG
(Project No. 419654270). We thank HZB for the allocation of syn-

chrotron radiation beamtime.

0O 52.5 Wed 18:00 P4
Force-induced single-molecular switch of graphene-
nanoribbon-fused helicene by atomic force microscopy —
e Akrrosul Suiotari>?, Ayumu Isun', and YosHiaki Sucimoro! —
IThe University of Tokyo, Kashiwa, Japan — 2Fritz-Haber Institute
of the Max-Planck Society, Berlin, Germany

On-surface synthesis is an effective bottom-up method to fabricate
nanocarbon materials, such as graphene nanoribbons (GNRs), in an
atomically precise manner. In this study, using the on-surface method
with multiple precursors, we successfully synthesized new helicene-
derivative molecule fused by seven-atom-wide armchair GNRs on an
Au(111) surface. Atomic resolution imaging with non-contact atomic
force microscopy (AFM) identified the molecular structure and the he-
licity (i.e., chirality of the twisted terminal of the GNR). Although the
helicities of individual GNRs on the surface remained stable during ob-
servation, the approach of the AFM tip to the helicene-type terminal
caused repulsive interactions, leading to the inversion of the twisted
structure in a selective and reversible manner. This finding would con-
tribute to the advanced design of switchable molecules and control of
chiral-molecule-based devices and machines.

0O 52.6 Wed 18:00 P4
On-Surface Synthesis of Kekulene and Isokekulene — eTim
Naumann, Qrrane Fan, Lukas HeuprLick, Lukas RUPPENTHAL,
SimoN WERNER, TOBIAS VOLLGRAFF, JORG SUNDERMEIER, and J.
MicHAEL GoOTTFRIED — Fachbereich Chemie, Philipps-Universitét
Marburg, Marburg (Germany)

The concept of aromaticity explains the exceptional stability of mono-
cyclic, planar, conjugated molecules. When extending this concept
on cycloarenes, however, the question arises whether the 7m-electron
system is best described by the Clar model or rather by annu-
lenoid aromaticity, i.e. delocalization in the inner and outer annu-
lene ring. This question has been discussed especially in the con-
text of kekulene, an alternant benzenoid cycloarene. On-Surface
techniques offer the possibility to synthesize kekulene and to inves-
tivate its resonance stabilisation. To create complete monolayers of
kekulene for further spectroscopic studies, we developed a high-yield
on-surface synthesis of kekulene on Cu(111l) from vapor-deposited
1,4,7(2,7)-triphenanthrenacyclononaphane-2,5,8-triene, which under-
goes cyclodehydrogenation upon annealing, resulting in extended (up
to 100 nm) well-ordered domains of kekulene. While the reaction is
highly selective towards kekulene on Cu(111), reaction on Cu(110)
leads to an isomer of kekulene with a lower symmetry, named isokeku-
lene. The precursor and the products were analyzed with scanning
tunneling microscopy (STM), X-ray photoelectron spectroscopy (XPS)
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and other methods. Further annealing leads to peripheral C-H bond
activation and linking towards chains and islands.

0 52.7 Wed 18:00 P4
2D arrays of reaction centers for CO oxidation over
Pt/SiO02/Si interface — ¢ ARTUR BOTTCHER!, DAVID RETTINGER!,
JakoB Hauns!, Manrrep Kappes!, DanieLa ExXNErRZ, RAHUL
ParMER3, MarTEO AMATI®, and Luca GREGORATTIS — llnstitute
of Physical Chemistry, KIT, 76131 Karlsruhe, Germany — 2Institute
for Applied Materials, KIT, 76344 Karlsruhe, Germany — 3Elettra -
Sincrotrone Trieste ScPA, Area Science Park, 34149 Basovizza-Trieste,
Italy

We created arrays of tailored reaction centers on the SiO2/Si-
wafer by annealing thin Pt layers deposited on He+-beam patterned
Graphene/Si02/Si substrates.[1] The resulting spots have been identi-
fied as amorphous areas consisting of silicon carbides and silicon oxy-
carbides. These defected surface regions are expected to act as pinning
sites for migrating Pt atoms. By thermally activating the surface dif-
fusion of Pt adatoms (1h, 600°C, UHV), the migrating atoms become
immobilized thus forming chemical bonds with compounds created in
the defected surface regions, resulting in 2D arrays of tailored Pt-based
islands. The chemical state of individual islands has been studied by
monitoring core level states (ESCA microscopy). The islands consist
of Pt, PtSix and PtOx compounds and appear to be chemically re-
sistant under exposure to molecular oxygen and carbon monoxide at
T=550°C, p= 0.4 mbar, 0.5 h. The CO2-light-off curves enable to
estimate the contribution of the artificial reaction centers to the total
CO->CO02 conversion yield.
[1] A. Bottcher et al. 2020 Nanotechnology 31 505302

0 52.8 Wed 18:00 P4
CO—CO;2 conversion over Pt/SiO3/Si model catalyst —
e ARTUR BOTTCHER!, PAscaL WEISENBURGER!, DaviD RETTINGER!,
Jakos Hauns!, RanuL ParMER?, MarTteo Awmari?, Luca
GRrEGORATTI?, and MANFRED Kappes! — lInstitute of Physical
Chemistry, KIT, 76131 Karlsruhe, Germany — 2Elettra - Sincrotrone

Trieste ScPA, Area Science Park, 34149 Basovizza-Trieste, Italy

We studied the thermal stability of the Pt/SiO2/Si interface as the
model catalyst for CO oxidation reaction. The 2D catalysts were pre-
pared under UHV conditions by growing very thin Pt films on the
SiO2/Si wafer and subsequently performing a long-term annealing of
the interface at elevated temperatures, T*(700-900K). Such a treat-
ment results in the formation of the submicron-sized islands. The
size/shape distribution of the islands scales primarily with the thick-
ness of the Pt film. The chemical state of the islands as probed by
ESCA microscopy (Elettra) evidences the formation of PtSinOm al-
loys as the dominating component of the islands. The COg light-off
curves taken for Pt/SiO2/Si interfaces fabricated at room temperature
reveal the highest CO/CO2 conversion yield, Y, and the lowest activa-
tion temperature, T 4 ~400 K. Increasing alloying degree considerably
quenches the conversion yield and shifts up the CO/COz2 conversion
onset.

0 529 Wed 18:00 P4
Adsorption and photocatalytic inactivation of Corona-virus
like particles by anatase TiO2(101) — eMona KOHANTORABI,
MicHAEL WAGSTAFFE, HESHMAT NOEI, and ANDREAS STIERLE —
Centre for X-ray and Nano Science (CXNS), Deutsches Elektronen-
Synchrotron (DESY), 22607 Hamburg, Germany

The adsorption of corona-virus like particles (VLPs), on the surface of
the model catalyst TiO2(101) was investigated using different spectro-
scopic and microscopic techniques.

Two different methods were employed to inactivate the virus after it
was loaded on the surface of TiO2: 1) UV light and 2) thermal treat-
ment. The adsorbed virus morphology and virus particle arrangement
on the surface of TiO2 were investigated using grazing-incidence small-
angle scattering. Microscopic studies demonstrate that the denatured
spike proteins and other virus proteins dissociate from VLPs and ad-
sorb on the surface of TiO2.

Clarification of the interaction of the virus with the surface of semi-
conductor oxides will aid in obtaining a deeper understanding of the
chemical processes involved in photo-inactivation of microorganisms
which is important for the design of effective photocatalysts for air
purification and self-cleaning materials.

0O 52.10 Wed 18:00 P4

Calculation of XPS Core-Level Fingerprints of Intermediates
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in Methanol Synthesis on Cu Surfaces — eMAaTTIs (GOSSLER,
Azap Kirsan, and BERND MEYER — Interdisciplinary Center for
Molecular Materials and Computer Chemistry Center, FAU Erlangen-
Niirnberg, Germany

Cu/Zn0O/Al203 is used as a highly efficient catalyst in industry for
the synthesis of methanol from syn gas, i.e. Ha, CO and COsz. Despite
intensive research efforts over the past decades, the precise reaction
pathway and the relevant intermediates in the synthesis process are
still under debate. New insights can be provided by recently per-
formed ambient pressure x-ray photoelectron spectroscopy (AP-XPS)
measurements on ZnO-supported Cu clusters with well-defined crystal
terminations [1]. In order to assist the interpretation of the measured
AP-XP spectra, we determined the C-1s and O-1s core level shifts for
a series of intermediates in the methanol synthesis process on a va-
riety of Cu surfaces using DFT calculations. First, a careful search
for the most stable structure of all intermediates on each surface was
performed. Core-level shifts were then calculated by an ASCF ap-
proach after removing a core electron. This fingerprint data allows
us to identify the most relevant intermediates present in the AP-XPS
experiments and to assess the importance of different Cu surfaces for
the overall reactivity.

[1] R. Gleissner, H. Noei, S. Chung, G.D.L. Semione, E.E. Beck,
A.-C. Dippel, O. Gutowski, G. Gizer, V. Vonk, A. Stierle, J. Phys.
Chem. C 125 (2021) 23561-23569

0 52.11 Wed 18:00 P4
The relation between structure sensitivity and doping of ce-
ria(111) vs. ceria(100) — EmiLia Pozarowskal, Linus PLEINESZ,
Mavuricio J. Priero3, Liviu C. TAnase3, Lucas DE Souza
CaLpas®, AArTI Trwarr®, THoMmas ScuMIDT?, JENS Farta2?, CARLOS
MoraLEs!, and eJaN INco FLEGE! — T Applied Physics and Semicon-
ductor Spectroscopy, BTU Cottbus-Senftenberg, Cottbus, Germany
— 2Institute of Solid State Physics, University of Bremen, Bremen,
Germany — 3Department of Interface Science, Fritz-Haber Institute,
Berlin, Germany

CeQO4-Cu inverse catalysts have been shown to convert CO2 into valu-
able chemicals through catalytic hydrogenation. The catalytic activity
may further be enhanced by alloying ceria with trivalent, catalytically
active metals, such as Sm, promoting the formation of Ce3t active

sites. In this work, the structural and chemical properties of (111)-
and (100)- oriented CeQOy islands alloyed with samarium were explored
by low-energy electron microscopy and X-ray photoemission electron
microscopy. After Sm deposition on the as-grown CeO, islands, the
near-surface region of (100)-oriented CeOg is reduced after exposure
to Ho at 470 °C, whereas the deeper layers as well as the whole (111)-
oriented islands retain the Ce?T state. Subsequent reoxidation with
O3 leads to the complete Ce*t state recovery, suggesting the healing of
oxygen vacancies. Additional annealing at 470 °C induces samarium
diffusion into the ceria matrix. Yet, subsequent exposure to Ho reduces
neither the (111)- nor the (100)-oriented CeSmO,, islands, suggesting
a quite unexpected stability of this system.

0O 52.12 Wed 18:00 P4
Operando studies of CuZn catalysts for methanol synthesis —
eDavip Korpus!2, Nuria JIMENEz Divins2, JaNis TIMOSHENKO!,
and BEaTr1z RoLpAN CUENYA! — 'Departement of Interface Science,
Fritz Haber Institute of the Max Planck Society — 2Departement of
Physics, Ruhr University Bochum

Methanol is an essential feedstock for the chemical industry and may be
a key component when switching to renewable resources. Industrially
methanol production uses a ternary Cu/ZnO/Al,O3z catalyst. Espe-
cially the interaction between Cu and ZnO is critical for a high activity
of the catalyst. Multiple model catalysts were synthesized to target
different aspects of this system, but particularly the Cu-ZnO inter-
actions. In-situ and operando spectroscopy methods (XAS, XPS, Ra-
man) together with microscopy and measurements of the catalytic per-
formance allow us to follow the chemical and structural changes of the
catalysts under reaction conditions. We investigated size-selected Cu
and CuZn nanoparticles on multiple support materials (SiO2, AloOs3
and ZnO/Al>03) to obtain a better insight into particle-support in-
teractions. These studies show that the formation of metallic Zn for
CuZn particles on SiOg2 is detrimental for the catalysts activity, as it
coincides with a deactivation. On Al2Os3 in contrast, ZnO is incorpo-
rated into the support and forms a spinel structure similar to ZnAlyO4.
In another catalyst shaped Cu particles are used to create preferential
facets on the surface of our catalysts. These unalike surface structures
will then lead to different catalytic behavior. Here, a higher activity
was observed for cubic particles.

O 53: Poster Wednesday: Spins and Magnetism

Time: Wednesday 18:00-20:00

O 53.1 Wed 18:00 P4
Ferroelectric BaTiO3 (001): Atomic-level characterization
and polarization by combined STM/AFM — eLLORENG AL-
BoNs CALDENTEY!, Dominik WRraNal, Icor SokxorLovié?, Aur
ALEXANDER!, and MARTIN SETVIN! — !Department of Surface and
Plasma Science, Faculty of Mathematics and Physics, Charles Univer-
sity, 180 00 Prague 8, Czech Republic — 2Institute of Applied Physics,
TU Wien, 1040 Vienna, Austria

Perovskites attract strong interest thanks to their catalytic properties,
efficient electron-hole separation in light harvesting, or the frequent
occurrence of ferroelectricity. In this work we show that BaTiO3 sin-
gle crystals can be cleaved along the (001) plane to obtain flat surfaces
with domains of either BaO or TiO2 termination. Using low temper-
ature (4K) gPlus nc-AFM we have characterized the surface atomic
structure and studied the tip-induced ferroelectric polarization of the
material. The impact of ferroelectric poling on adsorbed species is
discussed.

0O 53.2 Wed 18:00 P4
DFT based analysis of surface reactions of stainless steels
through degradation in aqueous media — eVAHID JAMEBOZORGI
— Bielefeld University and Bielefeld University of applied science

Stainless steels (SSs) are widely used in industry due to their out-
standing mechanical and physical properties plus their durability in
corrosive media. The corrosion resistance of SSs is caused by the
formation of a thin passive layer which mainly consists of chromium
oxides. However, the passive layer makes SSs more vulnerable to lo-
calized corrosion including pitting corrosion. Pitting corrosion occurs
when the passive layer interacts locally with bond-forming atoms and
molecules dissolved in the aqueous media, e.g. halides or hydroxide.
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However, the process of bond formation, erosion of the passive layer,
and consequently the degradation of SSs is still not completely under-
stood. Amongst other parameters, the adsorption energy and work
function seem to play a key role in pitting corrosion. The experimen-
tal determination of the work function is challenging since the surface
texture, crystal defects and impurities can increase or decrease work
function value significantly. Here, we show how density-functional the-
ory (DFT) computation techniques can be used to obtain adsorption
energies and work function values for different crystallographic orien-
tations on the surfaces of Fe, Cr and Ni. As a result we will provide
insight into the degradation mechanisms of SSs surfaces in aqueous
media.

0O 53.3 Wed 18:00 P4
Thermally-induced magnetic order from glassiness in ele-

mental neodymium — eBeNJAMIN VERLHAC!, LoreENA NigaLil,

AnDERs BrreMaN?, Umut Kamsrr!, ANDREY Bacrov!:?, Di-
ANA Tusan2, Lars NorDSTROM?Z, MIKHAIL I. KATSNELSON!, DANIEL
WeGNER!, OLLE Eriksson?3, and ALEXANDER A. KHAJETOORIANS!
— Unstitute for Molecules and Materials, Radboud University, Ni-
jmegen, The Netherlands — 2Department of Physics and Astronomy,
Uppsala University, Uppsala, Sweden — 3School of Science and Tech-
nology, Orebro University, SE-701 82 Orebro, Sweden

In thermodynamic systems, temperature is synonymous with disorder
as phase transitions between order to disorder occur when temperature
is increased. Recently, the first example of a spin-Q glass was found
in elemental neodymium between 30mK and 4K(1). This phase origi-
nated from magnetic frustration within the dhcp lattice of neodymium.
In this study, we show by means of spin-polarized scanning tunneling
microscopy that neodymium undergoes an unusual magnetic transi-
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tion, where long range multi-Q order emerges from the spin-Q glass
phase as temperature is increased from 5 K to 15 K(2). We also de-
veloped a new analysis method, which analyzes the experimental data
and extracts the phase transition temperature. These findings are
supported by atomistic spin dynamics simulations, in which the phase
transition is qualitatively explained by destroying spin frustration due
to various exchange contributions of the different sublattices.

(1) Kamber, U. et al., Science 368 (2020)

(2) Verlhac, B. et al., arXiv:2109.04815

O 53.4 Wed 18:00 P4
Yu-Shiba-Rusinov states of Mn on Pb(110) — eBHARTI MAHEN-
DRU, MARTINA TrAHMS, GAEL REECHT, and KATHARINA J. FRANKE
— Fachbereich Physik, Freie Universitat Berlin, Arnimallee 14, 14195
Berlin, Germany

Unpaired electron spins exchange coupled to a superconductor give
rise to bound states inside the superconducting energy gap and are
called Yu-Shiba-Rusinov (YSR) states. Previously, it has been shown
that the crystal-field splits singly-occupied d levels of Mn atoms on Pb
surfaces, which leads to distinct YSR states inheriting the symmetry
of the spin-carrying orbital [1,2].

Here we investigate single atoms and chains of Mn on a Pb(110) sur-
face using scanning tunneling microscopy and spectroscopy. We find
different adsorption sites of the individual Mn atoms and chains, which

can be distinguished by different YSR states. Some of the Mn sites
show a bistability in the presence of the STM tip, while some of the
YSR states are also influenced by the tip position.

[1] Michael Ruby, et al., Phys. Rev. Lett. 117, 186801, 2016

[2] Michael Ruby, et al., Phys. Rev. Lett. 120, 156803, 2018

0 53.5 Wed 18:00 P4
Imaging fast magnetization dynamics by Lorentz microscopy
with event-based electron detectors — e ALEXANDER SCHRODER,
CHRISTOPHER RATHJE, XINLAI XING, and SASCHA SCHAFER — Insti-
tute of Physics, University of Oldenburg, Germany

In recent years, ultrafast transmission electron microscopy (UTEM)
[1] has successfully enabled the imaging of ultrafast dynamics on
the nanoscale by utilizing femtosecond electron pulses in an optical-
pump/electron-probe approach. In a potentially more flexible ap-
proach, instead of femtosecond electron pulses, a continuous electron
beam could be used to map the optically induced dynamics provided
sufficiently fast, event-based electron detectors are employed.

Here, we present Lorenz microscopy of nanoscale magnetic dynamics
observed with a Timepix3 hybrid pixel electron detector. In particular,
we study the distortion of magnetic vortices triggered by femtosecond
optical pulses, accessing reversible processes on time scales ranging
from nanoseconds to milliseconds.

[1] A. Feist et al., Ultramicroscopy 176, 63 (2017).

O 54: Poster Wednesday: 2D Materials 2

Time: Wednesday 18:00-20:00

O 54.1 Wed 18:00 P4
Mapping angle- and doping-dependent dispersion of bend-
ing graphene — eZuHAO JiaNG!, PAULINA MAJCHRZAK!, BJARKE
JEssEN?, MABLLE KAPFER?, DEEPNARAYAN Biswas!, Jose AviLa3,
PavieL Dupin3, Cory DEaN2, and SgreN ULsTrup! — !Aarhus Uni-
versity — 2Columbia University — 3Synchrotron SOLEIL

The possibility to systematically engineer the interlayer rotation angle
(6) between two-dimensional (2D) materials stacked in heterostruc-
tures offers an intriguing means to tailor superlattices, electronic band
structures and interactions. Here, we set out to perform a proof-of-
principle nanoARPES experiment demonstrating the ability to con-
tinuously twist a graphene flake stacked on hexagonal boron nitride
by tuning 6 using a nano-rotation device engaged by the tip of an
atomic force microscope (AFM). The overarching objective is thereby
to capture the evolution of the f-dependent electronic dispersion of
graphene. Ultimately, these experiments are expected to pave the way
for band structure measurements of systematically twisted heterostruc-
tures composed of bilayer graphene and monolayer dichalcogenides.

0O 54.2 Wed 18:00 P4
Growth and characterization of WSe; on epitaxial graphene
on SiC(0001) — eADRIAN ScHUTZE, PHILIP ScHADLICH, and
THoMAS SEYLLER — Institute of Physics, TU Chemnitz, Chemnitz,
Germany

2D materials such as, for example, graphene, hexagonal boron nitride
or transition metal dichalcogenides have recently received much inter-
est as building blocks for electronic devices. For a successful integra-
tion of these materials, scalable growth methods are essential. In this
work we investigate the growth of WSez by metal organic molecular
beam epitaxy (MOMBE) [1] on epitaxial graphene on SiC(0001). In
that process W(CO)g is used as a precursor in conjunction with sele-
nium vapor produced by decomposition of SnSes in a thermal evapo-
rator. Using MOMBE we were able to grow ultra-thin films of WSeg
on epitaxial graphene which were characterized by a combination of
X-ray photoelectron spectroscopy (XPS), angle resolved photoemission
spectroscopy (ARPES), low-energy electron diffraction and microscopy
(LEED, LEEM) and atomic force microscopy (AFM). The films were
observed to consist of triangular domains. We discuss the influence
of the growth parameters such as the substrate temperature on the
structural and electronic properties of the layers.
[1] S. Tiefenbacher et al., Surf. Sci. 318 (1994) L1161

O 54.3 Wed 18:00 P4
Vanadyl phthalocyanine: study of the formation of a char-
acteristic molecular spin pattern on a diamagnetic template
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— eCoriNa Urpaniz, Kyunciu NoH, Luciano CoLAazzo, JAEHYUN
LeE, ANDREAS HEINRICH, CHRISTOPH WOLF, FABIO DoNATI, and YU-
JEONG BAE — Center for Quantum Nanoscience (QNS), IBS, Ewha
Womans University, Seoul, Republic of korea

Achieving quantum coherent control of spins on surfaces at the atomic
scale is the goal for quantum coherent nanoscience. A good surface
spin system requires two components: a localized spin and a buffer
layer to isolate that spin from the metallic substrate. The use of mag-
netic molecules as hosts for spin qubits is a promising pathway towards
quantum information processing.

In this work, we used Vanadyl phthalocyanine (VOPc¢), a well-known
spin = 1/2 molecule with long coherence times up to one microsecond
in its crystalline form, and the non-magnetic Titanyl phthalocyanine
(TiOPc) as a buffer layer from the metal. We found that TiOPc
is an effective buffer layer, preserving vacuum-like electronic struc-
ture of VOPc. We present compelling arguments for using TiOPc as
self-assembling templates with long-range order for adsorbed VOPc
molecules. Our results suggest that the TiOPc/VOPc system is a po-
tential candidate for long-lived molecular spin states on surfaces for
the study of quantum information processing.

O 54.4 Wed 18:00 P4
Competing Processes as Quality Limitation: New Insights
into Microscopic Growth Mechanism of hexagonal Boron Ni-
tride on Ir(111) — eMarko KriEGEL!, KARIM OMAMBAG!, MARIN
PeTrROVIc?, Birk FINkE!, FRANK MEYER zU HERINGDORF!'3, and
MicHaEL Horn-voN HokgEN! — Faculty of Physics, University of
Duisburg-Essen, D-47057 Duisburg, Germany — 2Center of Cxcellence
for Advanced Materials and Sensing Devices, Institude of Physics, HR-
10000 Zagreb, Croatia — 3Interdisciplinary Center for Analytics on the
Nanoscale (ICAN), D-47057 Duisburg, Germany

Despite the tremendous research effort targeting industrial growth of
two-dimensional hexagonal boron nitride (hBN), especially on tran-
sition metal surfaces, until today no superior growth recipe was de-
veloped, promising large domain sizes, homogeneous lattice constants
and a matching orientation of layer and substrate. Here we study
single layer hBN grown on Ir(111) via conventional chemical vapor
deposition (CVD) using borazine as precursor. We found two compet-
ing processes governing the density of hBN domains on a microscopic
scale: Kinetic limitations at low T and the disintegration of B3N3 rings
as well as the grown layer at high T. The interplay of both processes
sets a fundamental limit to the achievable quality in this and other
2D material systems. Our study combines data from high-resolution
reciprocal space mapping, using Spot Profile Analyzing Low Energy
Electron Diffraction (SPA-LEED), allowing us to determine the com-
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plete distribution of domain orientations, and Low Energy Electron
Microscopy (LEEM), for the measure of domain densities.

O 54.5 Wed 18:00 P4
Tuning MoSs doping by switching its support material —
eMarco Biancur!, DanieL Lizzit?, PaoLo Lacovic?, CHARLOTTE
SANDERs®, Davipe Curcio!, EzeQuieL Tosi2, MoNika T. ScHIEDZ,
JiL Miwal, Sivano Lizzit2?, and PuiLip HorMmann® — !Dep. of
Physics and Astronomy, ASTRID2, iNANO, Aarhus University, DK.
— 2Elettra Sincrotrone Trieste S.C.p.A., Trieste, IT — 3 Artemis Pro-
gram, UK Central Laser Facility, Harwell, STFC, UK — 4DPIA -
University of Udine, IT

Tuning the electronic properties of a 2D crystal by the interaction with
its support is the key to design well-controlled nanoelectronic devices
based on transition metal dichalcogenides (TMDCs). In particular,
the establishing of a low resistance between a metallic contact and
the TMDC has been challenging and different strategies for this have
been introduced. It was suggested that a low Schottky barrier could be
achieved not only by choosing contact materials with the suitable work
function but also by introducing interface defects that can contribute
independent of the metal contact work function.

Here we present a combined ARPES, STM, LEED and XPS study
of MoSs grown on Au(111) using well established methods. After in-
tercalation of Bi, which is semimetallic, and its further treatment we
observe a doping consistent with what was inferred from recent trans-
port measurements. The results shown here sheds light on a potential
way for tuning the effects of contacts of a 2D layer and their influence
on the TMDC electronic structure.

O 54.6 Wed 18:00 P4
Subnanoscale Engineering of 2D Magnetism in van der Waals
Heterostructures — oKepa Jin':2, Jose MARTINEZ-CASTROLZ,
StEFAN F. TauTz!3, and MarkuUs TERNEs!2 — lInstitute of Physics
II B, RWTH Aachen University, 52074 Aachen, Germany — 2Peter
Griinberg Institute (PGI-3), Forschungszentrum Jiilich and Jiilich-
Aachen Research Alliance (JARA), Fundamentals of Future Informa-
tion Technology, 52425 Jiilich, Germany — 3Institute of Physics IV A,
RWTH Aachen University, 52074 Aachen, Germany

The dry transferred method paves a way to investigate exotic proper-
ties and emerging new phenomena in van der Waals heterostructures.
Polycarbonate (PC) is commonly used as a polymer for the dry transfer
of 2D materials. A limitation of PC is the contamination of chemical
residues on the surface and the difficulty to fabricate complex het-
erostructures. Here, we show the study of different polymers, including
polyvinyl chloride (PVC) and nitrocellulose for an effective and clean
way to assemble 2D heterostructures. In addition, based on our previ-
ous method of studying encapsulated air-sensitive 2D materials (Nano
Lett. 18, 6696 (2018)), we show our current development in a new
technique to study air-sensitive materials in heterostructures compat-
ible with ultra-high vacuum: in-situ de-encapsulation. This technique
aims to provide the required cleanliness of mechanical assembled air-
sensitive van der Waals heterostructures for their study by scanning
tunneling microscopy at ultra-high vacuum and low temperature.

O 54.7 Wed 18:00 P4
Growth and characterization of monolayer MnSes on Au(111)
— eSEBASTIEN ELIE HAaDJADIY, EvaNGELOS GoLias?, Jack Haves?,
MaRCEL WALTER!, CHRIsTIAN LoTzE!, SANGEETA THAKUR!, IVAR
KumBera!, IsMET GELEN!, JORGE TORRES!, and WoLrcang Kucn?!
— lInstitut fiir Experimentalphysik, Freie Universitat Berlin, Arn-
imallee 14, 14195 Berlin, Germany — ?MAX IV Laboratory, Lund

University, Fotongatan 2, Lund, Sweden

During the last couple of years, there has been a rising interest in novel
two-dimensional magnetic materials. Most recently, several groups
have shown that magnetic order in two-dimensional materials can be
stable. Among them, MnSe> is interesting, since it has shown mag-
netic properties at room temperature [1], making it an ideal candidate
for applications. However, magnetic order so far has been reported
for MnSes grown on GaSe or SnSes, and the role of the interface in
the stabilization of magnetic order is not yet clear. We use molecu-
lar beam epitaxy to co-deposit Se and Mn on Au(111) to ascertain if
the magnetic ordering of monolayer MnSes is an intrinsic effect of the
material or an interface-induced phenomenon. We examine the films
chemically by X-ray photoelectron spectroscopy (XPS) and X-ray ab-
sorption spectroscopy (XAS) as well as structurally by scanning tun-
neling microscopy (STM) and low-energy electron diffraction (LEED).
The latter shows a near - 3 X 3 pattern. The XPS measurements show
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chemical shifts in the Mn and Se binding energies for the MnSes sam-
ple in comparison to pure Mn and Se that confirm that the Mn has
bonded to Se. [1] D. J. O’Hara et al., Nano Letters 18, 3125 (2018).

0O 54.8 Wed 18:00 P4
Towards Shot-Noise Spectroscopy of Majorana Modes in 2D
Systems — eJan Cuperus, FLoRis Koo, and INGMAR SWART
— Condensed Matter & Interfaces, Utrecht University, Utrecht, The
Netherlands

The quasiparticles known as Majorana zero modes (MZMs) are par-
ticles that have the peculiar properties to be their own antiparticle
and to obey non-Abelian statistics. Because of the latter, MZMs are
predicted to be the building blocks of topological quantum computing.
Over the past years, many signatures of what could be MZMs have
been reported. Examples are the end modes of 1D atomic line de-
fects in ML FeSe [1], or the edge modes found on CrBr3 island grown
on NbSe2 [2]. Conclusive observations are however, still to be made.
One reason for this is the similarity of MZMs to other (close-to-)zero-
energy states, e.g. Yu-Shiba-Rusinov states or Andreev bound states.
Scanning tunnelling microscopy (STM) has already shown to be a key
tool in the field of condensed matter physics because of its extreme
spatial resolution and spectroscopic abilities. Via a new STM-based
tool, namely shot-noise spectroscopy, we aim to provide a new point
of view onto the matter of MZMs.

References: [1]Chen et al., Nat. Phys., 16, 536-540 (2018)
[2]Kezilebieke et al., Nature, 588, 424-428 (2020)

0 54.9 Wed 18:00 P4
The tellurization of Cu(111): From incorporated Te atoms via
1D-like surface reconstructions to closed films — eANDREAs
RaaBGRUND, TiLMAN KISSLINGER, MAXIMILIAN AMMON, LuTz
HaMMER, and M. ALEXANDER SCHNEIDER — Friedrich-Alexander-
Universitat Erlangen-Niirnberg, 91058 Erlangen, Germany

We investigated the tellurization of Cu(111) from low Te coverages
up to thick films both structurally and electronically by STM, STS,
LEED-IV structural analysis, and DFT. For © < 0.14 ML Te forms
a substitutional surface alloy with short-range ordered patches of a
(V7 x v/T)R19.1° structure. Increasing the Te coverage leads to co-
existing islands of a (3 x \/g)rect superstructure which is well-ordered
and fully developed at © = 0.33 ML [1]. In the range 0.33 ML < © <
0.40 ML, the (3 x \/g)rect structure coexists next to a well-ordered
(5 % \/g)rect phase which is completely developed at © = 0.40 ML
[2]. Our LEED-IV analyses reveal arrangements of CuxTey chains,
whereby for the (5 X \/g)rcct phase a substantial reorganization of the
surface into troughs allows to incorporate more Te. STS finds an unoc-
cupied chain state, that has lower energy on the (3 x \/g)rect which we
interpret as an indication of delocalization with decreasing interchain
distance. By further tellurization beyond © = 1.1 ML closed Cusz.xTe
films develop. For ©® > 4 ML, a phase transition takes place below
300 K that results in a wrinkled appearance at low temperatures. On
the surface two different reconstructions with distinct electronic fin-
gerprint occur side-by-side. [1] T. Kifllinger et al., Phys. Rev. B 102,
155422 (2020)

[2] T. KiRlinger et al., Phys. Rev. B 104, 155426 (2021)

O 54.10 Wed 18:00 P4
Fabrication of nanostructured van der Waals heterostruc-
tures — eKuair1 F. Ervas!, Jouanna RicuTeERr?, KiriLL BoLoTINS,
HannaH C. NerL?, and Karja HorLicH! — 1Ferdinand Braun In-
stitut gGmbH, Berlin, Germany — 2Humboldt Universitit zu Berlin,
Institute of Physics, Berlin, Germany — 3Freie Universitét Berlin, In-
stitute of Experimental Physics, Berlin, Germany

Two-dimensional (2D) materials can exhibit a significantly enhanced
light-matter interaction making them interesting for highly-confined
and low-loss light transport. When combining different 2D materials,
the different polaritonic modes may hybridize to combine the strong lo-
calization of plasmonic excitations with the long propagation distances
of phonon modes. Here we report on the fabrication of heterostructures
of the (semi)metallic graphene and the wide-bandgap material hexag-
onal boron (hBN) nitride. The dry-release transfer of graphene and
hBN makes use of polydimethylsiloxane(PDMS) and poly(propylene)
carbonate (PPC) films. Due to the strong adhesion between PPC and
2D materials at room temperature, we show that single-layer to few-
layer graphene as well as few-layer hBN can be produced on a spin
coated PPC film/SiO2/Si substrates by mechanical exfoliation. Using
He ion beam patterning we further modify the geometry of the het-
erostructures on the nanoscale with the specific aim to tune hybrid po-
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laritonic modes. The optical properties of the fabricated heterostruc-
tures are then mapped using monochromated low-loss scanning trans-
mission electron microscopy (STEM) electron energy-loss spectroscopy
(EELS)and outcomes compared to optical methods.

O 54.11 Wed 18:00 P4
Interlayer charge transport anomalies in 1T-TaS2 and 2H-
NbS2 — Epoarpo MartiNO, LAszL6 FoRRO, and eKONSTANTIN
SEMENIUK — Institute of Physics, Ecole Polytechnique Fédérale de
Lausanne (EPFL), CH-1015 Lausanne, Switzerland

Layered van der Waals materials, such as transition metal dichalco-
genides, have emerged as promising platforms for realising functional
materials for practical applications. Tuning interlayer coupling in these
systems via twist, intercalation, exfoliation, etc. opens up a vast pa-
rameter space for inducing exploitable properties. Probing of the out-
of-plane conduction is a useful tool for gauging the subtle interactions
between the atomic planes, particularly in bulk crystals of TMDs.

We present comprehensive studies of charge transport anisotropies of
bulk 1T-TaSg and 2H-NbSs. The samples were tailored using focused
ion beam in order to ensure homogeneous current flow across the prin-
cipal crystallographic directions. We find that resistivity anisotropy of
1T-TaS2 is, paradoxically, of the order of unity, with the out-of-plane
conduction becoming more preferred at lower temperatures due to a
formation of c-axis-oriented quasi-one-dimensional orbital chains. In
2H-NbSg2, we observe a pronounced upturn of the out-of-plane resistiv-
ity upon cooling. We attribute the anomaly to a unidirectional Kondo
scattering, caused by inherent inclusions of 1T-NbSy layers, which host
a lattice of singly occupied orbitals.

[1] E. Martino et al., npj 2D Mater. Appl., 4, 7 (2020).

[1] E. Martino et al., npj 2D Mater. Appl., 5, 86 (2021).

O 54.12 Wed 18:00 P4
STM studies of graphene encapsulated Fe3GeTe2 — eToBIAS
WicaMann®23 FeLix LUpke!2, and F. STeran Taurz!:23 —
IPeter-Griinberg-Institut (PGI-3), Forschungszentrum Jiilich, Ger-
many — 2Jiilich Aachen Research Alliance (JARA) - Fundamentals
of Future Information Technology, Germany — 3Institut fiir Experi-
mentalphysik IV, RWTH Aachen, Germany

Fe3GeTez is a metallic 2D ferromagnet with a Curie Temperature of
130K, in which Kondo effect and skyrmions have been observed. These
properties make it a promising candidate as a source of magnetic prox-
imity effect in van der Waals heterostructures.

To examine its potential use in in van der Waals heterostructures we
investigated the influence on adjacent layers of 2D materials through
encapsulation with graphene. The resulting structure was character-
ized in a low temperature STM.

O 54.13 Wed 18:00 P4

Fabrication of nanostructured van der Waals heterostruc-

tures — eKHAIRI F. ELvas!, JouanNa RicHTER?, KIRILL BoLoTINS,

HannaH C. NerL?, and Karja HorLicH! — 1Ferdinand Braun In-

stitut gGmbH, Berlin, Germany — 2Humboldt Universitit zu Berlin,
Institute of Physics, Berlin, Germany — 3Freie Universitat Berlin, In-
stitute of Experimental Physics, Berlin, Germany

Two-dimensional (2D) materials can exhibit a significantly enhanced
light-matter interaction making them interesting for highly-confined
and low-loss light transport. When combining different 2D materials,
the different polaritonic modes may hybridize to combine the strong
localization of plasmonic excitations with the long propagation dis-
tances of phonon modes. Here we report on the fabrication of het-
erostructures of the singlecrystalline gold flakes or graphene and the
wide-bandgap material hexagonal boron (hBN) nitride. Polydimethyl-
siloxane(PDMS) and poly(propylene) carbonate (PPC) films were used
for the dry transfer of gold and hBN due to the strong adhesion
between PPC and 2D materials at room temperature. Using this
method, single-layer to few-layer hBN were successfully transferred.
Using He ion beam patterning we further modify the geometry of the
heterostructures on the nanoscale with the specific aim to tune hy-
brid polaritonic modes. The optical properties of the fabricated het-
erostructures are then mapped using monochromated low-loss scan-
ning transmission electron microscopy (STEM) electron energy-loss
spectroscopy (EELS)and outcomes compared to optical methods.

O 54.14 Wed 18:00 P4
Carbon Embedding of Pt Cluster Superlattices Templated
by Hexagonal Boron Nitride on Ir(111) — eTosias HarrL!,
MoriTz WiLL!, PanTeLIs BampouLish2, VIRcINIA BoIX DE LA
Cruz3, PaoLo Lacovic?, VEDRAN Vonk®, SiMoN CuuUNG®, AN-
DREAS STIERLE?, JAN KNUDSEN?, Sivano Lizzit?, and THOMAS
MicHeLy! — !Universitit zu Kln — 2University of Twente — 3MAX
IV Laboratory and Division of Synchrotron Radiation Research —

4Elettra-Sincrotrone Trieste S.C.p.A — ®DESY Hamburg

With the goal to delevop the fabrication of a new type of Pt-
nanoparticle carbon support electrocatalyst, we investigate the carbon
embedding of Pt cluster superlattices grown on the moiré of a mono-
layer of h-BN on Ir(111). Using STM and XPS we find that carbon
embedding is conformal and does not deteriorate the excellent order
of the clusters. The thermal and mechanical stability of the embedded
clusters is greatly enhanced by the C forming a strong binding to the
Pt clusters. Sintering as well as single cluster pick-up by the STM tip,
are both suppressed. (Hartl, T. et al., J. Phys. Chem. C, 2021)

The only cluster decay path left takes place at an elevated tempera-
ture above 850 K. Cluster material penetrates through the h-BN sheet,
whereby it becomes bound to the underlying metal. There are indica-
tions that while the a-C matrix and the Pt clusters bind strongly to
each other, upon annealing both weaken their binding to h-BN.

We discuss how the binding between the membrane and the sub-
strate can be weakened, such that it is possible to be split-off via a
combination of hydrogen bubbling and dry transfer approaches.

O 55: Poster Wednesday: Organic Molecules at Surfaces 2

Time: Wednesday 18:00-20:00

O 55.1 Wed 18:00 P4
Self-assembly and debromination of a functionalized borazine
on Ag(111) — eBircE SENa TOMEKCE!, MarRc G. Cuxart!, MAR-
TINA CRrOsTAZ, MarRco FRrRANcCEscHINI?, DANIELE PoLeTTO?, DaA-
VvIDE Bonirazi?, and WiLLt AUwWARTER! — !Physics Department E20,
Technical University of Munich, Germany — 2Institute of Organic
Chemistry, University of Vienna, Austria

On-surface synthesis is a promising route towards the generation of
doped graphene nanoarchitectures with tunable electronic properties
[1]. To fabricate atomically precise hybrid BNC materials, distinct
precursors incorporating BN units can be used [2]. In this study, we
employed a precursor with a borazine core and Br and OH function-
alization. We report on a low-temperature scanning tunneling mi-
croscopy /spectroscopy and X-ray photoelectron spectroscopy charac-
terization of well-ordered phases of this precursor on Ag(111). At
low temperatures, the molecules adsorb intact. At moderate temper-
atures, debromination is activated and the self-assembly of a chiral
kagomé lattice coexisting with a hexagonal packing is observed. At
elevated temperatures, completion of cyclodehydrogenation leads to
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Location: P4

full planarization of the molecules, followed by covalent intermolecular
coupling, thereby forming random BNC-based networks. We further
investigated the electronic structure of the kagomé lattice on the single
molecule level. Our findings constitute a step towards exploiting the
structural and electronic properties of BNC architectures.
[1] R. Pawlak et al., Angew. Chem. Int. Ed. 2021, 60, 8370-8375
[2] C. Sanchez-Sanchez et al., ACS Nano. 2015, 9, 9228-9235

O 55.2 Wed 18:00 P4
The investigation of self-assembly molecule on metal sub-
strate — eYoNG-HE PAN and GERMAR HorFFMANN — Department
of Physics, National Tsing Hua University

Field-effect transistors (FETs) made out of organic materials are
lighter, mechanically more flexible, have lower costs and have higher
field-effect mobility. For picene-(C14Hz29)2 the highest field-effect mo-
bility in all FETs was recorded. Here, phenacene-(Ci14Hz29)2 is de-
posited on Au(111) by thermal evaporation and is investigated by STM
and Scanning Tunneling Spectroscopy (STS) at 70 K under UHV con-
ditions. The self-assembly molecule forms a rhombohedral unit cell
with a two molecular basis, and the alkyl chain, flexible up to 15 de-
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grees, is nearly parallel with the nearby molecules. Scanning close to
the bandgap region of the phenacene(C14Hz29)2 leads to imaging of the
LUMO-state, which also shows the pronounced electronic state on the
phenacene core and energetically broad state on the alkyl chain.

O 55.3 Wed 18:00 P4
adsorption structure and mechanical properties of single non-
ahelicene molecules on Ag(110) — eMax HaLBaurr'?, Axi-
TosHI SHIOTARI!, Takasa1 Kumacar®, Kyoko Nozaki?, and MARTIN
Worr! — !Department of Physical Chemistry, Fritz-Haber-Institute
of the Max-Planck-Society, Faradayweg 4-6, 14195 Berlin, Germany —
2Department of Chemistry and Biotechnology, School of Engineering,
The University of Tokyo, 7-3-1 Hongo, Bunkyo-ku, 113-8656 Tokyo,
Japan — 3Center for Mesoscopic Sciences, Institute for Molecular Sci-
ence, 38 Nishigo-Naka, Myodaiji, 444-8585 Okazaki, Japan

Helicenes are a class of compounds that has received great attention
due to their chiroptical properties, while the single-molecule mechani-
cal behavior has often been overlooked. Scanning tunneling microscopy
(STM) and atomic force microscopy (AFM) measurements of nonahe-
licene (|9]H) molecules on Ag(110) were performed in order to address
this issue. The adsorption structure of isolated and aggregated [9|H
molecules on the surface is revealed by high-resolution imaging. Inter-
actions of the molecule with a probe tip are quantified by force curve
measurements and a comparison with co-adsorbed coronene gives in-
sights into the impact of the helical backbone on the mechanical prop-
erties.

O 554 Wed 18:00 P4
Changes in the coupling of a single-molecule magnetic mo-
ment to a Cooper pair condensate by the sequential removal
of molecular moieties — oSTEFAN ScuurTe!, Nicoras NEgL!,
KRriszriaN PaLotas?, and Jore Krocer! — llnstitut fiir Physik,
Technische Universitat Ilmenau, Ilmenau, Germany — 2Institute for
Solid State Physics and Optics, Wigner Research Center for Physics,
Budapest, Hungary

Using the tip of a STM chemical reactions are induced in or-
ganic 5, 10, 15, 20-tetrakis(4-bromophenyl)-porphyrin-cobalt molecules
adsorbed on superconducting Pb(111). Two chemical reactions, the
dehalogenation and dephenylation of the molecules are presented. Yu-
Shiba-Rusinov bound states occur in the superconductor energy gap
only after the entire dephenylation of the molecule. The presence of the
intragap resonances is related to an unoccupied molecular orbital that
is confined to the atomic magnetic center (Co) of the porphyrin. From
the energy position and spectral weight of these intragap resonances,
a weak interaction between the molecular magnetic moment and the
Cooper pair condensate is inferred. The electron-hole asymmetry of
the bound states exhibits a spatial oscillation with a wavelength that
evidences the exchange coupling of the molecular magnetic moment to
the sp-sheet of the Fermi surface. The very low binding energy of the
Yu-Shiba-Rusinov levels is consistent with the observed absence of the
Kondo effect. Funding by the DFG through KR 2912/10-1 and KR
2912/10-3 is acknowledged.

O 55.5 Wed 18:00 P4
Pentacene on prototypical antiferromagnets: A photoemis-
sion study — eVALENTIN MISCHKE, DAvID JAaNAS, GIOVANNI ZAM-
BORLINI, JONAH E. N1TSCHKE, and MIRkO CINCHETTI — Department
of Physics, TU Dortmund University, Otto-Hahn-Strafte 4, 44227 Dort-
mund, Germany

In the last years, so-called molecular spinterfaces have been intensively
studied because of the novel spin properties raising from the molecule-
metal hybridization [1]. Recently, antiferromagnets have been consid-
ered as an alternative to their ferromagnetic counterparts for the en-
gineering of spinterfaces with novel spin properties. Here, we present
the preliminary characterization of a single layer of pentacene atop
two prototypical antiferromagnets, namely nickel oxide NiO(111) and
iron oxide FeO(100). Both thin films have been grown in-situ, under
UHV conditions, by depositing Ni and Fe in a Oz background atmo-
sphere onto Au(111) and oxygen-passivate Fe(100), respectively. The
resulting interfaces have been characterized with low energy electron
diffraction and momentum microscopy. In addition, photoemission to-
mography was employed to determine the energy level alignment of
the molecular orbitals at the interface.
[1] Cinchetti, Dediu, Hueso, Nature Materials 16, 507 (2017)

O 55.6 Wed 18:00 P4
Systematically mapping the distance-dependent tip-sample
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interaction for the PTCDA /Ag(111) system — eT1m DIERKER
and PHiLipp RAHE — Fachbereich Physik, Universitdt Osnabriick,
Barbarastrafe 7, 49076 Osnabriick, Germany

Scanning probe microscopy (SPM) has been continually improved by
establishing a number of controlled tip functionalizations [1]. In par-
ticular, the attachment of a single 3,4,9,10-perylene-tetracarboxylic-
dianhydride (PTCDA) molecule to the apex of a metallic tip enables
mapping of the electrostatic potential near sample surfaces by so called
scanning quantum dot microscopy [2,3|. In order to reliably apply this
technique, the expedient pick-up of a single molecule is required [4].
Here, the tip-molecule interaction between a metallic tip and surface-
adsorbed molecules is investigated by means of systematic scanning
tunneling (STM) and atomic force (AFM) microscopy measurements.
In particular the vertical dependencies of the STM tunneling current
and the AFM frequency shift are mapped along different axes of single
PTCDA molecules embedded in the molecular film on Ag(111). Fin-
gerprints for the dynamic behavior of the molecules are clearly revealed
and guide the vertical manipulation for molecular pick-up.

[1] L. Gross, Nat. Chem. 3, 273 (2011)

[2] C. Wagner et. al., PRL 115, 026101 (2015)

[3] M. F. B. Green et. al., JJAP 55, 08NA04 (2016)

[4] M. F. B. Green et. al., Beilstein J. Nanotech. 5, 1926 (2014)

0O 55.7 Wed 18:00 P4
Photoemission and Raman Spectroscopic Studies of n-
GaAs(100) Surface Passivation with Thioglycolic Acid —
e ALEXANDER EHM, OLEKSANDR SELYSHCHEV, and DiETricH R. T.
ZAHN — Semiconductor Physics, TU Chemnitz, Chemnitz D-09107,
Germany

Gallium arsenide is one of the most investigated inorganic semiconduc-
tors and used in a vast variety of applications and prospective for new
high-performance devices. A challenge in constructing such devices is a
surface of native oxides causing a high surface density of states, which
leads to the mid-gap pinning of the surface Fermi level, band bending,
and the formation of a surface depletion layer. Sulphur passivation
yields a significant reduction of the depletion layer and related effects
but requires several treatment steps [1].

We report a new simple approach utilizing thioglycolic acid (TGA)
to provide a one-step effective removal of surface oxides and protection
from reoxidation compared to etching with inorganic acids. This effect
is confirmed by X-ray photoemission spectroscopy and the reduction
of the depletion layer is confirmed by Raman spectroscopy results.
n-GaAs(100) /poly(3,4-ethylenedioxythiophene) polystyrene sulfonate
(PEDOT:PSS) solar cells show improved performance for such passi-
vated n-GaAs(100) surfaces.

[1] V. N. Bessolov, M.V. Lebedev, D. R. T. Zahn: J. Appl. Phys.
82 (5) (1997)

0O 55.8 Wed 18:00 P4

Vibrational quanta of single melamine on Cu(100) —
eREBEccA Cizek, Nicoras NEEL, and JOrRe KROGER — TU Ilmenau

Melamine adopts an up-standing adsorption geometry on Cu(100) and
can be tautomerized by the local injection of electron from the tip of a
scanning tunneling microscope [1]. Here, we compare inelastic electron
tunneling spectroscopy (IETS) of intact and tautomerized melamine.
Two low-energy vibrational quanta are observed for both molecules.
The tautomer exhibits an energy shift and enhancement of one of the
excitations. These findings are moreover complemented by IETS and
tautomerization of the deuterated molecule.
[1] R.-P. Wang et al., J. Phys. Chem. Lett. 12, 1961 (2021)

0 55.9 Wed 18:00 P4
Photoemission orbital tomography of NiTPP molecules
deposited on the passivated Fe(100)-p(1x1)O surface —
eMicHAEL GurNikov!, Davip Janas!, JonaH NirscHke!, MIra
ARNDT!, ViTaLly FeYER?, GIOVANNI ZAMBORLINI', and MIRKO
CincHETTI! — !Department of Physics, TU Dortmund University,
Otto-Hahn-Strafe 4, 44227 Dortmund, Germany — 2Peter Griinberg
Institut (PGI-6), Forschungszentrum Jiilich, Leo-Brandt-Strafe, 52425

Jilich, Germany

Recently, it was shown that a single layer of oxygen is sufficient to de-
couple nickel porphyrins from a ferromagnetic surface, thus, preserving
most of the electronic features of the pristine molecules [1]. However,
distortions of the molecular structure, e.g. upward-bent phenyl-rings,
can make the interpretation of surface imaging techniques like STM
extremely challenging.
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Additional information can be gained by photoemission tomogra-
phy (PT), which combines angle-resolved photoelectron spectroscopy
(ARPES) with ab-initio calculations of the gas phase molecules to in-
terpret the orbital arrangement of thin molecular layers.

This work provides a characterization of NiTPP molecules on an oxy-
gen passivated Fe(100)-p(1x1)O surface using PT, focusing not only on
the energy level alignment but also on their azimuthal orientation with
respect to the substrate.

[1] G. Albani et al. Micromachines 12, 191 (2021)

O 55.10 Wed 18:00 P4
Surface Chemical Bond of Alternant vs. Non-Alternant
Aromatic Isomers — oFLORIAN MUNSTER!, LukAs RUPPENTHAL!,
LeoNARD NEUHAUS!, JaAN HErRrITSCH!, JoN HENRICK BoTH!, PENG-
car Liv?, XiNne-Yu CHENZ, JiaweN Cao?, Xiao-YE Wanc2, and J.
MicHAEL GoTTFRIED! — lFachbereich Chemie, Philipps-Universitét
Marburg, Germany — 2College of Chemistry, Nankai University, Tian-
jin, China
The different effects of the topology of pyrene and cyclo-
hepta|fg|acenaphthylene (acepleiadylene) on the occupied and the un-
occupied electronic states as well as on the desorption process from
the Cu(111) surface are studied using PES, NEXAFS and TPD. Both
molecules are aromatic but differ in their topology. While pyrene has
an alternating structure, its constitutional isomer acepleiadylene has
a non-alternating one. With TPD, we showed that the desorption of
acepleiadylene begins at about 340 K, 40 K higher than for pyrene, in-
dicating a stronger bond to the Cu(111) surface. Using the modified
leading edge analysis we find a desorption energy of 152kJ/mol for
acepleiadylene compared to 108 kJ/mol for pyrene, each at monolayer
coverage. Furthermore, combining PES and NEXAFS, we were able
to assess the energy needed in the excitation process of electrons orig-
inating from occupied valance orbitals into unoccupied ones. Here we
find a 0.5€eV smaller energy difference for the non-alternating species
in comparison to the alternating species.

O 55.11 Wed 18:00 P4
New Photon Scanning Tunnelling Microscope for studying
electrically driven single photon emitters in the GHz range —
e ANDREAS REUTTERD2, MIKE STUMMvVOLLY 2, NEDA NoOEI!, MARKUS
Erzkorn'2, and Uta ScrLickum»?2 — lInstitut fiir Angewandte
Physik, Technische Universitdt Braunschweig, Mendelssohntrafie 2,
38106 Braunschweig — Z2Laboratory for Emerging Nanometrology,
Langer Kamp 6a/b, 38106 Braunschweig

Single atoms and molecules have always been an interesting research
area. An important tool for investigating such is scanning tunnelling
microscopy (STM) which has become a widely used method to char-
acterize not only the surface density states and vibrational excitations
but also electrical excitations and recombination processes of individ-
ual atoms and molecules by STM-induced luminescence (STML).

We would like to present a state-of-the-art, self-build, low-
temperature, ultra-high vacuum STM with the possibility for STML
measurements and for the time-resolved probing of electrically driven
single photon emitters with a band width of up to around 20 GHz. This
allows for instance the investigation of charge transfer in molecules be-
low the nanosecond range and further insight into its exciton decay.

0O 55.12 Wed 18:00 P4
Anchoring p-terphenyl-based thiols to top-layer sulphur de-
fects on MoSz2/Au(111) — J. Rixa Sivon!, DMITRII MAKSIMOVZ,
eJuaN PaBLo GUERRERO FEeLIPE!, PauL WikcHERs!, CHRIs-
T1aN Lotze!, ANa M. VarLencia®? Caterina Coccur®4, BIORN
Kosin%, Steran HecuT?, MARIANA Rossi?, and KATHARINA J.
FrANKE! — 1Freie Universitit Berlin, Germany — 2MPI for the
Structure and Dynamics of Matter, Hamburg, Germany — 3Carl von
Ossietzky Universitiat Oldenburg, Germany — 4Humboldt-Universitét

zu Berlin, Germany

1

Systems consisting of transition metal dichalcogenides (TMDCs) and
organic molecules is a field gathering much interest in recent years. By
using a scanning tunneling microscope (STM), it is possible to explore
these systems in detail, where the TMDC layer works as a decoupling
layer between the adsorbate and metal substrate. In our experiments,
we investigate a monolayer of MoS2 on Au(111) where interesting re-
sults occur once a sulphur defect on the top-layer is created. It gives
rise to a localized resonance around the Fermi energy, not present
in pristine MoS2. Here we show experimental and theoretical compar-
isons where the thiol-based molecule CF3-3P-SH (4-(trifluoromethyl)-
[1,17:4’,1”-terphenyl]-4-thiol) is anchored to a sulphur top-layer defect,
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creating a chemical bond between the molecule and MoSz. We ob-
serve a characteristic Kondo resonance due to the interaction between
molecule and substrate. Additionally, we have mapped out the spatial
distribution of the electronic states as well as explored the vibronic
states of the molecule.

O 55.13 Wed 18:00 P4
On-Surface Transmetalation of a Lead-Porphyrin on the
Cu(111) surface — eJaN HERRITSCH, STEFAN R. KACHEL, QITANG
Fan, MArk HuTTER, Lukas J. HEupLicK, FLORIAN MUNSTER, and
J. MicHAEL GoTTFRIED — Philipps-Universitdat Marburg

Starting from porphyrin complexes, highly ordered nanostructures can
be assembled on surfaces in which reactive metal centers are firmly
anchored in a defined environment. Such structures have enormous
potential in various areas of modern technology. A reaction in which
there is an exchange of the central atom by another element leads
to a drastic change in the properties of the functionalized surface.
Here, we report on a thermally induced Pb/Cu metal exchange of
lead (II)-tetraphenylporphyrin (Pb(TPP)) on the Cu(111) surface. Us-
ing temperature-dependent XPS, we were able to track this exchange
reaction and the accompanying change of the Pb oxidation state by
probing the Pb 4f level. The reaction starts already below 380 K and
is completed at 600 K. In parallel, partial desorption of a monolayer
occurs above 430 K. In a temperature-programmed reaction experi-
ment (TPR), the desorbing species are unambiguously identified as the
product, Cu(TPP), of the metal exchange by mass spectrometry. By
STM, the adsorbate structure of Pb(TPP) on Cu(111) were revealed
and individual free Pb atoms, which are formed in the course of the
Pb/Cu metal exchange, were observed. Moreover, side-reactions of the
peripheral phenyl substituents occur due to dehydrogenative coupling
reactions.

O 55.14 Wed 18:00 P4
Tip-enhanced Raman Spectroscopy of a lifted single PTCDA
molecule eRopriGo CEzAR DE CAMPOS FERRERA', JIRf
DoLezaLb?, Soria Canoral, Prokop HapaLal, PABLO MERINO3,
and Marrin Svec! — !Institute of Physics,Czech Academy of Sci-
ence;, Czech Republic — 2Faculty of Mathematics and Physics,
Charles University; Czech Republic — 3Instituto de Ciencia de Mate-
riales de Madrid; CSIC, Madrid, Spain

Advanced scanning probe techniques in the research of molecular ad-
sorbates on surfaces have been instrumental in unveiling fundamental
quantum phenomena with high sensitivity and spatial resolution at
the nanoscale level. Such advances impact areas of molecular elec-
tronics, nanophotonics, and near-field spectroscopies. Tip-enhanced
Raman spectroscopy (TERS) is a technique that provides access to
vibrational modes of individual molecules via the extremely confined
plasmonic field at the STM tip apex. This can be also used as a probe
to chemically scrutinize single bonds with subnanometer precision. In
this work, the STM-controlled TERS technique in a UHV environment
at low temperature was performed for the perylene tetracarboxylic di-
anhydride molecule (PTCDA), in which we measured the Raman fin-
gerprint for an array of PTCDAs on Ag(111) as well as for a single
molecule. Moreover, we were able to simultaneously follow the con-
ductance spectrum of the system while lifting a single PTCDA from
the surface. The observed transition in the Raman spectra correlates
with the differential conductance showing the transition of the system
from S=0 neutral to S=1/2 anion state.

O 55.15 Wed 18:00 P4
Electronic properties of CuPc/TiSe2 heterostructures —
eHisik1 Orio'+2, KiANA BAUMGARTNER!*?, CHRISTIAN METZGERD2,
Markus Scuorz®?, Kar RossnacerL®®, and FrRiEDRICH REINERT!2
— 1Universitat Wiirzburg Experimentelle Physik VII, Wiirzburg, Ger-
many — 2Wiirzburg-Dresden Cluster of Excellence ct.qmat, Wiirzburg
Dresden, Germany — 3European XFEL Facility, Schenefeld, Germany
— 4Deutsches Elektronen-Synchrotron DESY, Hamburg, Germany —
5KiNSIS, Universitit Kiel, Kiel, Germany

Transition metal dichalcogenides (TMDC) are a class of quasi-2D ma-
terials that exhibit a variety of electronic properties including su-
perconductive, excitonic insulator, and charge-density wave (CDW)
phases. TiSe2 is one of the most prominent TMDC because it has
intriguing CDW properties. The physical process of the CDW is
not fully understood, however, and is attributed to either be purely
electron-electron or jointly electron-electron and electron-phonon me-
diated. To gain more insight into the CDW buildup, modulating the
intrinsic physical properties is useful [1]. For this purpose, we have
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used organic molecules as several interactions such as charge transfer
or a rearrangement of the electron density can modulate the electronic
properties at the organic/TMDC interface. We have evaporated cop-
per phthalocyanine (CuPc) on TiSe2 single crystals. We report the
perturbed electronic characteristics of the resulting CuPc/TiSe2 het-
erostructure examined with angle-resolved and X-ray photoelectron
spectroscopy.
[1] K. Baumgértner et al., submitted.

O 55.16 Wed 18:00 P4
Chirality-induced electron spin filtering in chiral helicene
mono-, double- and multilayers — e RUWEN QUENTER!, PAUL Va-
LERIAN MOLLERS!, KARL-HEINZ ErRNsT?, and HELMUT ZAcHARIAS!
— 1Center for Soft Nanoscience, WWU Miinster, Germany — 2Empa,
Diibendorf, Switzerland

The transmission yield of electrons through molecules with chiral struc-
ture can depend on the electron spin. This phenomenon is established

as chirality-induced spin selectivity (CISS).! While initial demonstra-
tions of CISS were conducted with, e.g., short DNA strands,? studies
with simpler molecules such as helicene potentially allow for a bet-
ter insight into the mechanism. Previous work3® on CISS in ordered
monolayers of heptahelicene ([7]H) demonstrated that while the pref-
erentially transmitted spin orientation depends on the helicity of the
molecules, no major influence of the substrate is evident. Since the
CISS increases with the number of helical turns, we investigate how
it evolves for double and multilayers of [7]H adsorbed on a Cu(332)
surface. Photoelectrons were excited from the substrate by deep-UV
laser pulses and transmitted through [7]H mono-, double or multilay-
ers. Subsequently, the average spin polarization of the photoelectrons
was measured via Mott scattering. With a [7]H monolayer a spin po-
larization of P ~ 8% was shown earlier® and reproduced now. For the
double and multilayers no increased spin polarization magnitude was
found. ! D. H. Waldeck et al., APL Mater. 9, 040902 (2021) 2 B.
Gohler et al., Science 331, 894 (2011) 3 M. Kettner et al., J. Phys.
Chem. Lett. 9, 2025 (2018)

O 56: Poster Wednesday: Nanostructures 2

Time: Wednesday 18:00-20:00

O 56.1 Wed 18:00 P4
Pt Wedge on h-BN/Rh(111): Structural Analysis by HR-
XPS — eNAaTALIE J. WALESKA, FABIAN DULL, FLORIAN SPATH, UDO
Baugr, PHiLiPP BACHMANN, JOHANN STEINHAUER, and CHRISTIAN
Papp — Friedrich-Alexander-Universitat, Erlangen, Germany

An approach to overcome the material gap to commercial catalysts is
the investigation of metal nanoclusters on 2D materials (e.g. h-BN).
To date, mostly 3D metal clusters with a narrow size distribution on
such support materials were studied. However, the clusters’ structure
and thus the available adsorption sites, as well as the catalytic activity
varies strongly from 3D to monolayer clusters or even single atoms.

To investigate the structural differences of clusters with varying
sizes, a Pt wedge was prepared in a single preparation step on the
h-BN/Rh(111) substrate, ranging from 0.21 to 0.001 ML Pt cover-
age. The analysis was performed using HR-XPS and CO as a probe
molecule. From the data, we were able to determine the transition
from monolayer to 3D cluster formation for the as-prepared Pt wedge.
Upon heating to 550 K, structural changes of the Pt clusters were
observed as a result of cluster ripening and sintering.

We thank Helmholtz-Zentrum Berlin for allocation of synchrotron-
radiation beamtime and BESSY II staff for support during beamtime.
This work was funded by the DFG within SFB 953 ”Synthetic Carbon
Allotropes” (Project #182849149).

0O 56.2 Wed 18:00 P4
Charge effects on the (de-)Hydrogenation activity of Pt,-

clusters on a-SiO> thin films — eToBias HINKE!, ANDREW
CrAaMPTON!, MARIAN ROTzER!, MaximviLian Krause!, FLORIAN
SCHWEINBERGER!, BokwooN Yoon?!, Uzr Lanpman2, and UELI

Heiz! — 1Physical Chemistry, Department of Chemistry & Cataly-
sis Research Center, Technical University of Munich, 85748 Garching,
Germany — 2School of Physics Georgia Institute of Technology, At-
lanta GA, U.S.A.

Catalytic model systems facilitate the gain of fundamental insights on
molecular mechanisms and enable atom-precise manipulation of cat-
alytic processes. Besides the size-effects of clusters with less than 100
atoms, the influence of the supporting material and the substrate are of
special interest when steering reactivity. The catalyst’s local electron
density can be altered by varying the underlying metal. A high lo-
cal work function of the substrate, Mo(112), yields clusters of positive
charge while a low local work function , Pt(111), results in a negative
charge. This allows for specifically altering the reactivity as well as
the coking stability of the catalytic system.

In order to elucidate the impact of different support materials as well as
cluster size-effects the change in activity of a-SiOg thin-film supported
Pty -clusters towards ethylene (de-)hydrogenation was investigated.
The catalytic samples were characterized in a UHV setup with base
pressures below 5 % 10710 mbar through IRRAS and electron spec-
troscopy (XPS, MIES, UPS), while reactivity was monitored with TPD
and pulsed valve experiments (p-MBRS).

0 56.3 Wed 18:00 P4
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Design of an Enhanced Ce-Evaporator for Ce; Oy Thin Film
Synthesis — eFLoOrRA SIEGELE, KEVIN BERTRANG, TOBI1AS HINKE,
and UeL1 HEiz — Physical Chemistry, Department of Chemistry and
Catalysis Research Center, Technical University of Munich

In today’s industry, the importance of sustainability regarding resource
consumption and waste management is strongly increasing and hence,
the contribution of catalysis-based processes is becoming more and
more important. Substantial advances can be achieved by investigat-
ing catalytic model systems to facilitate the understanding of basic
mechanisms on a molecular level. These model catalysts comprise a
metal single crystal substrate with metal clusters (1-100 atoms), de-
posited on a metal oxide thin film (2-20 ML). Especially the lewis
acidic and basic properties of metal oxidic compounds showed promis-
ing results in terms of controlled tuning of the catalytic performance.
However, the reducibility of thin film materials like CeOg offers an ad-
ditional possibility of adjusting catalytic properties. Due to the lack
of experimental results focusing on the influence of CeO2 thin films
on the reactivity and selectivity of clusters, the poster presents the
implementation of an optimized CeO2 thin film generation procedure
with a home-built ribbon evaporator. With this evaporator design,
including a self-built quartz crystal microbalance, deposition rates of
multiple monolayers per minute could be achieved and tracked with
high accuracy. Electron emission spectroscopy (x-ray photoelectron
spectroscopy and Auger electron spectroscopy) was performed to in-
vestigate the composition of the deposited film.

O 56.4 Wed 18:00 P4
CO Adsorption on PdPt Alloy Nanoparticles — eDANIEL
SivaN  DorrLing® 2, JAN-CHRISTIAN  ScHOBER'2,  MARCUS
CreuTzBURG!, HesumaT Norr'2, and ANDREAS STIERLE!:?
1Universitit Hamburg — 2DESY

Platinum palladium alloy nanoparticles are of high interest because of
their role as catalysts for different processes, including exhaust con-
trol and methane oxidation. Catalyst behavior is determined by the
shape, structure and alloy composition of the particles. To enhance
catalyst efficiency, it is thus necessary to improve our understanding
of the structure of the nanoparticles and the active adsorption sites.
In order to access detailed structural and morphological information,
we employ the use of a model catalyst. In this work, platinum and pal-
ladium are co-deposited via molecular beam evaporation on a-Al203
(0001). The nanoparticles are grown epitaxially and have a well de-
fined height to diameter ratio and alloy composition. By investigating
the particle surface with the probe molecule CO using polarized in-
frared reflection absorption spectroscopy (IRRAS), we determined the
surface species on top and side facets of the particles. The morphol-
ogy was further identified with X-ray diffraction and X-ray reflectivity.
The effect of the Pd/Pt alloy composition on the adsorption was inves-
tigated by comparing the IRRAS reflectivity. Moreover, the difference
in the adsorption of CO was studied for samples annealed in hydrogen
and oxygen.

0 56.5 Wed 18:00 P4
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Methane activation with small Ta clusters e KEVIN
BerTrANG, ToBias HINKE, NikiTa LEVIN, MARTIN TSCHURL, and
UeL1t Heiz — Physical Chemistry, Department of Chemistry and
Catalysis Research Center, Technical University of Munich

With the exhaustion of petroleum reserves, methane will become an
important feedstock for the synthesis of fuels and fine chemicals. The
challenge is to find an efficient way to activate the highly inert molecule
under mild conditions and steer the reaction towards the formation of
chemically precious products while preventing coking.

Studies of small cationic Ta-clusters in the gas phase and their oxides
were found to exhibit high activity towards non-oxidative C-C-coupling
of methane, yielding dehydrogenated carbohydrate species and ethane.
The cluster charge was identified as a key parameter for activity. These
studies are extended to their supported analogues. To replenish the
cluster charge acidic (SiO2) and reducible (CeO2) thin metal-oxide
films are employed and cluster oxygen content is tuned.

Characterization is performed by means of vibrational (IRRAS) and
electron spectroscopy (XPS) and reactivity is studied via TPD and
pulsed valves experiments.

[1] N. Levin et al. J. Am. Chem. Soc. 2020, 142, 12, 5862-5869

0 56.6 Wed 18:00 P4

3d-Nanoparticles on Graphene: Influence of Temperature —
oK A1 BEsockE, MAHBOOBEH RavANKHAH, and MATHIAS GETZLAFF
— Institut fiir Angewandte Physik, Heinrich-Heine-Universitat Diis-
seldorf

With its unique properties, such as high quality crystal structure, ex-
cellent electrical conductivity and high tensile strength, graphene is a
promising substrate for fabricating nanocomposites. In this context we
are investigating the influence of graphene as substrate for the deposi-
tion of metallic nanoparticles and the influence of susequent heating.
In this contribution we present our results concerning the mobility and
distribution of Feg 5Nig.5-Nanoparticles on graphene surfaces.

A W (110) single crystal serves as the substrate being coated with
a Co thin film of about 20 ML and annealed at temperatures up to
500°C. Surfaces prepared in such a way exhibit elongated Co-islands
with a width of several hundred nm and height up to 10nm, which
are coated with graphene subsequently. For graphene synthesis the
samples are heated in a Propene atmosphere of 10~6 mbar for several
minutes. The nanoparticles are produced by means of Ar magnetron
sputtering in a Haberland source and aggregation takes place in a He
atmosphere. The spherical particles under investigation have diame-
ters of several nm. Particle distributions are analyzed via STM, both
as-prepared as well as after heating. It will be discussed, whether the
nanoparticles are more mobile on graphene compared to other surfaces.

O 57: Poster Wednesday: Electronic Structure

Time: Wednesday 18:00-20:00

O 57.1 Wed 18:00 P4
Josephson effect in the two-band superconductor Niobium
Diselenide — eXianzuE ZENG!, HaonaN Huana!, Susoy Karan?,
Kraus Kern'2, and CHRIsTIAN AsT! — Max-Planck-Institut fiir
Festkorperforschung, Heisenbergstrafe 1, 70569 Stuttgart, Germany
— 2Institut de Physique, Ecole Polytechnique Fédérale de Lausanne,
1015 Lausanne, Switzerland

Niobium Diselenide is a two-dimensional (2D) van der Waals s-wave
superconductor that can be described by a two-band model. The
Josephson effect between Niobium Diselenide and another known BCS
superconductor is non-trivial since it involves Copper pair tunneling
of two bands with different order parameters. Here, we measure quasi-
particle tunneling as well as the Josephson current between a clean
superconducting Niobium Diselenide surface and a superconducting
Vanadium tip using low-temperature scanning tunneling microscopy
and spectroscopy. We analyze our results with the McMillan formula
for a two-band superconductor. Our observations present a first step
towards understanding more complicated scenarios, such as the pre-
dicted p-wave triplet superconductivity in Chromium Tribromide is-
lands on Niobium Diselenide.

O 57.2 Wed 18:00 P4
Bulk Ion Conductivity and Near Surface Composition of Ionic
Liquid and Zwitterionic Salt Based Electrolytes for Lithium
Battery Applications — eFaBian UrLLMANN, JOEL TAvo, ANNA
DimiTrovA, and STEFAN KRiscHOk — Institut fiir Mikro und Nan-
otechnologien, Institut fiir Physik, TU Ilmenau

In this contribution we focus on the bulk conductivity and the
near surface composition of several tertiary electrolytes which con-
sist of Ionic Liquid (IL), Zwitterionic salt (ZwS) and lithium
salt. Two ILs and ZwSs are chosen: IL: 1-ethyl-3-methyl-
imidazolium bis-(trifluoromethylsulfonyl)imide - [EMIm][Tf2N]| and
1-butyl-1-methylpyrrolidinium  bis-(trifluoromethylsulfonyl)imide -
[BMP][T2N]; ZwS: 3-(3-methylimidazolium-1-yl)Propane-1- sulfonate
and 3-(3-vinylimidazolium-1-yl)Propane-1-sulfonate. As lithium pre-
cursor - bis(trifluoromethylsulfonyl)imide - Li|Tf2N] was used. Differ-
ent Li|Tf2N]|/ZwS ratios are considered and studied. Electrochemical
Impedance Spectroscopy (EIS) enables us to determine the ion conduc-
tivity of the electrolytes. The results reveal that the presence of ZwSs
enhances the ion conductivity, although they itself are not ion con-
ductive. Further, by using X-Ray Photoelectron Spectroscopy (XPS)
we analyze the near surface chemical composition at UHV-conditions.
The XPS analysis displays a cation/anion/ZwS distribution as de-
pended on the concentration of Li|Tf2N]| and the type of IL and ZwS
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used. The spectroscopic results revealed solute-solvent interactions
which modify the ion mobility.

O 57.3 Wed 18:00 P4
Line shape analysis of the resonant eigenstates in a quantum
corral by means of tunneling spectroscopy and non contact
AFM — eMarco WEIiss, MICHAEL ROEsSSNER, FABIAN STiLP, and
Franz J. GiessiBL — Institute of Experimental and Applied Physics,
University of Regensburg, Germany

Back in 1993 Crommie et al. [1] arranged 48 Fe adatoms on a Cu(111)
surface in a circle with a diameter of 14.26 nm. This quantum corral
confines surface electrons in a circular potential well. Past investiga-
tions with scanning tunneling microscopy revealed energetically dis-
crete eigenstates that spatially appear as Bessel functions. But these
studies on the Fe quantum corral showed unwanted movement of the
corral walls during spectroscopic measurements. [1]

Instead of Fe, we used CO molecules to provide the corral with more
stable walls. This permitted us to access a larger voltage window and
allowed for a detailed line shape analysis of the corrals eigenenergy
levels. Surprisingly, we discovered a large Gaussian broadening of the
eigenstates.

We also acquired nc-AFM data of the corral. As we have previously
done, we determined the occupation of electronic states that cross the
Fermi level [2]. Similar to our previous work, we observed that the
presence of the probe tip shifts the energy of the electronic states un-
der study. In this work, we show that we can also use the AFM data
to estimate the lifetime (i.e. the spectral width) of these states.

[1] M. F. Crommie et al., Science 262, 218-220 (1993)

[2] F. Stilp et al., Science 372, 1196-1200 (2021)

O 574 Wed 18:00 P4
Interaction between an artificial and a natural atom —
oFABIAN STILP, MARCO WEIss, and Franz J. GieEssiBL — University
of Regensburg, Regensburg, Germany

The surface state of Cu (111), a quasi-2-dimensional electron gas, is
trapped to a small surface area of about 15 x 15 nm? by placing 48
CO-molecules in a circular shape on the surface via atomic manipula-
tion. By doing so, one creates a quantum corral with discrete electronic
states forming an artificial atom. This structure can be described rea-
sonably well by an infinitely high circular potential well leading to
corral states with Bessel-type radial functions and an angular momen-
tum normal to the surface. To investigate the interaction between this
artificial atom and a natural atom we bring Fe atoms inside the corral
and measure the response of the corral states.

Thanks to the large size, one can study the structure of the wave
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functions within that artificial atom by nc-AFM showing an angular
dependence of the corral states after placing the atoms inside the cor-
ral. This change of the wave functions leads to an energy shift of a few
meV confirmed by tunneling spectroscopy measurements. By investi-
gating the change of the wave functions and the energies of the corral
states when placing the adatom inside, one can draw conclusion about
the interaction between this artificial atom and a natural atom. Here
we expand the interpretation of the adatom acting repulsively on the
corral states as stated by Stilp et al. [1].

[1] F. Stilp, A. Bereczuk, J. Berwanger, N. Mundigl, K. Richter, F.J.
Giessibl, Science 372, 1196-1200 (2021)

O 57.5 Wed 18:00 P4
Spontaneous Charge Localization on Polar Surfaces —

eMicHELE RETIccioLl', ZuicHANG WAaNG?3, ZDENEK JAKUBZ,

Icor Sokorovic?, Marthias MEIERD2, GARETH S. PARKINSONZ,
MicHAEL ScuMmID?, DomiNiKk WRANAY, LyNN A. BoarNER®?, ULRIKE
DieBoLD?, MARTIN SETVIN?#, and CesarE FrancHiNTb® — 1Faculty
of Physics and Center for Computational Materials Science, Univer-
sity of Vienna, Austria — 2Institute of Applied Physics, TU Wien,
Vienna, Austria — 3State Key Laboratory for Physical Chemistry
of Solid Surfaces, Xiamen University, China — 4Department of Sur-
face and Plasma Science, Faculty of Mathematics and Physics, Charles
University, Prague, Czech Republic — ®Materials Science and Tech-
nology Division, Oak Ridge National Laboratory, Oak Ridge, USA —
SUniversity of Bologna, Italy

Excess charge on polar surfaces of ionic compounds is commonly de-
scribed by the two-dimensional electron gas (2DEG) model, a homo-
geneous distribution of charge confined in a few atomic layers. Con-
versely, our density functional theory calculations and scanning-probe
microscopy measurements on KTaO3(001) show spontaneous localiza-
tion of the excess charge in the form of polarons, bipolarons and charge
density waves. These electronic reconstructions form on the defect-free
surface, and alter the material properties and functionalities to differ-
ent degrees. Controlling the degree of charge ordering could be of great
benefit for a wide range of applications: in our study, we analyze the
impact on the surface reactivity by considering the interaction with
CO molecules.

0 57.6 Wed 18:00 P4

Evolution of Property and Bonding Maps — e CARL-FRIEDRICH
Scuon and MartHiAs WuTTic — RWTH Aachen University, Aachen,
Germany

Since picking up the first tool, it has been the goal of mankind to create
materials that best suit human needs. While for the longest time any
development in this field was driven by an empirical approach, modern
means of physics and chemistry gave rise to the concept of material
and property maps based on chemical bonding. We have composed a
database of elemental and binary compounds. For all compounds, the
corresponding values of a set of properties were included, containing
the conductivity, the Born Effective Charge, the Effective Coordination
Number (ECoN) and the Bandgap, the melting point, the density and
the atomic density. A Gaussian mixture algorithm was utilized to sep-
arate the compounds in the database into n clusters. With the number
of allowed clusters set to 4, the algorithm nicely separates materials
which employ metallic, ionic and covalent bonding. This implies that
properties can be used to distinguish bonding mechanisms. Interest-
ingly, a fourth class of materials is identified, characterized by a prop-
erty portfolio neither found in metals, or materials employing ionic or
covalent bonding. This is further support for the concept of metavalent
bonding, a novel bond type characterized by the competition between
localization and delocalization. This classification provides a close link
between chemical bonding mechanisms and properties enabling novel
routes to material’s design with material maps.

O 57.7 Wed 18:00 P4
A theoretical investigation into gallic acid pyrolysis — eJaKoB
Kraus and Jens Korrus — Institute of Theoretical Physics, TU
Bergakademie Freiberg, Leipziger Str. 23, D-09599 Freiberg, Germany

Thermodynamical and kinetic information on the first two steps of gal-
lic acid pyrolysis is calculated based on density functional theory and
quantum chemistry. For the kinetics, transition states are identified
with the help of the climbing image nudged elastic band method. Both
reactions exhibit two transition states. One of them is related to the
rotation of OH groups, and the other one is related to the breaking
and forming of bonds. The gallic acid pyrolysis as a whole is judged to
be endothermal, and it changes from endergonic to exergonic between
500 K and 750 K. The second reaction step, the dehydrogenation of
pyrogallol, is identified as the limiting step of gallic acid pyrolysis, with
reaction rate constants below 1 s~ for temperatures below 1250 K.

O 58: Poster Wednesday: New Methods and Developments, Frontiers of Electronic Structure
Theory

Time: Wednesday 18:00-20:00

O 58.1 Wed 18:00 P4
Fully Atomistic Modelling of Tip-enhanced Raman Spectra
from First Principles — eYAIrR LiTMAN, FRANCO BONAFE, ALAA
AxkkousH, HEiko ApPPEL, and MARIANA Rossi — MPI for the Struc-
ture and Dynamics of Matter, Hamburg, Germany.

Tip-enhanced Raman scattering (TERS) has emerged as a powerful
tool to study surfaces with subnanometer spatial resolution [1]. In
particular, single-molecule TERS studies have shown the capability to
visualize high-resolution images of individual molecular normal modes
in real space [2]. Theoretical simulations that can provide an unam-
biguous interpretation and atomic description of obtained TERS im-
ages often rely on crude approximations of the local electric field [3].
In this work, we present a novel method to compute TERS images
by combining Time Dependent Density Functional Theory (TDDFT)
and Density Functional Perturbation Theory (DFPT) to calculate Ra-
man cross sections with realistic local fields. The new approach allows
for a fully ab initio atomistic description of the tip-molecule-surface
system, and naturally incorporates chemical effects arising from the
molecule-surface interaction. We show results for benzene and pyri-
dine and discuss the importance of a realistic description of the local
field, and self consistent evaluation of the electronic density response.
Finally, we evaluate the use of 2D TERS imaging as an identification
tool for defects in 2D materials. [1] M. Richard-Lacroix, et al., Chem.
Rev. 56, 3922 (2017) [2] L. Joonhee, et al., Nature 568, 78 (2019) [3]
P. Liu, X. Chen, H, Ye, and L. Jensen, ACS Nano 13, 9342 (2019)

0 58.2 Wed 18:00 P4

Deep learning based signal processing for touch-sensitive sur-
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faces — eJAKoOB ELSNER, VIKTOR FAIruscHIN, and THORSTEN Up-
HUES — Institute for Sensor and Actuator Technology, Coburg, Ger-
many

Touch-sensitive surfaces enable intuitive and efficient operation of elec-
tronic devices and eliminate the need for external peripherals and me-
chanical components, making touch technology increasingly important
in the modern society. However, conventional touch technologies, i.e.
capacitive, resistive or optical, are usually limited to non-metallic ma-
terials that hardly meet the stringent requirements for robustness and
hygiene in a medical environment. Stainless steel is one of the most
commonly used materials in medical fields due to its high strength,
chemical resistance and excellent hygienic properties. In this work, we
present a novel approach based on Lamb wave technology and deep
learning analytics, and apply this new principle to design a stainless
steel touch-sensitive surface. Compared to Rayleigh wave-based touch
technology, our approach requires no additional reflective structures
and involves only a single piezoelectric transducer used to monitor the
entire surface, while position-sensitive information is extracted from
raw Lamb wave signals using a trained deep neural network.

0O 58.3 Wed 18:00 P4
Enhanced Sampling of Surface Reactions Using Boltzmann
Generators — eDaviD HeriNnGg, JoHANNES T. MARGRAF, and
KArsTEN REUTER — FHI Theory Department, Berlin, DE

Computational surface science and catalysis research is still mainly
conducted with static density functional theory (DFT) calculations.
This approach is computationally convenient, but misses important
aspects of surface chemistry, such as anharmonic free energy contribu-
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tions. In principle, DFT-based molecular dynamics (MD) simulations
(ideally combined with enhanced sampling algorithms) would allow
a much more accurate description of these processes. Unfortunately,
these are far too expensive to be routinely applied to complex sur-
face/adsorbate systems. This is due to the fact that configurations in
MD are generated sequentially. As a consequence, MD configurations
are not statistically independent so that a very large number of sam-
ples is required to obtain converged ensemble properties. To overcome
this limitation, Noé and co-workers recently proposed a generative ma-
chine learning model called the Boltzmann Generator, which was used
to generate independent configurations of biomolecules. In this con-
tribution, we explore how Boltzmann Generators can also be used to
sample the free energy surface of surface/adsorbate systems relevant
for heterogeneous catalysis. In particular, training protocols and vali-
dation metrics of generated ensembles will be discussed.

O 584 Wed 18:00 P4
theoretical and experimental investigation of Fe and Ni-
TCNQ on graphene — eAZIN SHAHSAVAR, ZDENEK JAKUB, ANNA
KUROWSKA, JAKUB PLANER, ONDREJ HERICH, LENKA CERNA, LUKAS
KORMOS, PAVEL PROCHAZKA, and JAN CECHAL — CEITEC Brno Uni-
versity of Technology Purkytiova 656,/123 612 00 Brno, Czech Republic.

Due to the outstanding properties of the 2D metal-organic frame-
works (MOF), intensive computational and experimental studies have
been done. However, the lack of fundamental studies of MOFs on the
graphene backbone is observed. This work studies Fe and Ni as metal
and tetracyanoquinodimethane (TCNQ) with a high electron affinity
as an organic linker functionalized on graphene. Here we present DFT
calculations results to unveil the electronic and magnetic properties
of iron and nickel-TCNQ physisorbed on graphene. Adsorption and
Fermi energies, structural, and magnetic properties will be reported.
Our experimental observations prove Fe- and NiTCNQQ@Gr/Ir(111)
are thermally highly stable up to 500 and 250 °C, respectively, mak-
ing them promising materials for single-atom catalysts or high-density
storage media [1|. [1] Z. Jakub et al., Nanoscale., 1-9 (2022). DOL:
10.1039/d2nr02017¢

O 58.5 Wed 18:00 P4
Assessment of Structural Descriptors for the Construc-
tion of High-Dimensional Neural Network Potentials —
eMoriTz R. ScHAFER!, JoNas FINKLER?, STEFAN GOEDECKER?, and
Jorae BEHLER! — !Georg-August-Universitat Gottingen, Institut fiir
Physikalische Chemie, Theoretische Chemie, Tammannstrafte 6, 37077
Gottingen, Germany — 2Basel University, Department of Physics and
Astronomy, Klingelbergstrasse 82, 4056 Basel, Switzerland

High-dimensional neural network potentials (HDNNPs) can be used
to efficiently compute close-to ab initio quality energies and forces
for performing large-scale molecular dynamics simulations of complex
systems. In this method, the total energy is constructed as a sum
of environment-dependent atomic energy contributions. Also electro-
static interactions based on environment-dependent charges can be
included. Hence, a set of reliable structural descriptors for the atomic
local environments is crucial to develop accurate potentials. Often,
atom-centered symmetry functions (ACSFs) are used for this purpose
in HDNNPs. In this work, we benchmark the accuracy and trans-
ferability of HDNNPs with respect to alternative descriptors like the
recently proposed overlap matrix descriptor.

O 58.6 Wed 18:00 P4
Fortnet, a software package for training Behler-Parrinello
neural networks — eTaMMmo vaN DER HEDE!, JorLa KULLGREN?,
PeETER BRrROQVIsT?, VLADIMIR Bacié?, THoMAs FRAUENHEIM®51!,
and BALINT Arapi! — 'BCCMS, University of Bremen, Bremen, Ger-
many — 2Dept. of Chemistry - Angstrém Laboratory, Uppsala Univer-
sity, Uppsala, Sweden — 3Dept. of Physics and Earth Sciences, Jacobs
University Bremen, Bremen, Germany — 4Beijing CSRC, 100193 Bei-
jing, P. R. China — %Shenzhen JL CSAR Institute, Shenzhen 518110,
P. R. China

A new, open source, parallel, stand-alone software package (Fortnet)
has been developed, which implements Behler-Parrinello neural net-
works. It covers the entire workflow from feature generation to the
evaluation of generated potentials, coupled with higher-level analysis
such as the analytic calculation of atomic forces. The functionality
is demonstrated by driving the training for the fitted correction func-
tions of the density functional tight binding (DFTB) method, which
are commonly used to compensate the inaccuracies resulting from the
DFTB approximations to the Kohn-Sham Hamiltonian. Their usual
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two-body form limits the transferability of parameterizations between
very different structural environments. After investigating various ap-
proaches, we have found the combination of DFTB with a near-sighted
artificial neural network, acting on-top of baseline correction functions,
the most promising one. It allows to introduce many-body corrections
on top of two-body parametrizations, while excellent transferability to
deviating chemical environments could be demonstrated.

O 58.7 Wed 18:00 P4
Machine learning enhanced DFTB method for periodic sys-
tems — eWENBO SuN, GuozHENG FAN, TaAMMO vAN DER HEIDE,
Apam McSLoy, THoMAs FRAUENHEIM, and BALINT ARADI — Bre-
men Center for Computational Materials Science, University of Bre-
men, Am Fallturm 1, Bremen 28359, Germany.

The Density Functional based Tight Binding (DFTB) is an approxi-
mative density functional based quantum chemical simulation method
with low computational costs. In order to increase its accuracy, we
have introduced a machine learning algorithm to optimize several pa-
rameters of the DFTB method, concentrating on solids with defects.
The backpropagation algorithm was used to reduce the error between
DFTB and DFT results w.r.t. the training dataset and to obtain ad-
justed DFTB Hamiltonian and overlap matrix elements. Afterwards,
the generalization capability of the trained model was tested for ge-
ometries not being part of the training set. In the current work, we
have focused on defective periodic silicon and silicon carbide systems
as target materials and the density of states (DOS) as target property
to demonstrate the feasibility of our approach. The trained model was
able to reduce the differences between the DFTB and the DFT DOS
significantly, while other derived properties (e.g. charge distribution,
partial DOS) remained physically sound. Also, the transferability of
the obtained model could be verified. Our method allows to carry
out relatively fast simulations with high accuracy and only moderate
training efforts, and represents a good compromise for cases, where
long range effects make direct machine learning predictions difficult.

O 58.8 Wed 18:00 P4
Electronic properties of Density Functional Tight Binding by
Machine Learning — eGuozHENG Fan!, Abam McSrov?!, BALINT
Arapr!, CHI-YUNG YaM2, and THoMAs FrRAUENHEIM!2 — 1 Bremen
Center for Computational Materials Science (BCCMS), University of
Bremen, Bremen, Germany — 2Beijing Computational Science Re-
search Center (CSRC), Beijing, China

We have introduced a machine learning workflow, which could opti-
mize electronic properties in density functional tight binding method.
With this workflow, we can train and predict electronic properties in
a cheap, accurate and transferable way. The implementation features
of batch calculations greatly improve the calculation efficiency, espe-
cially for high throughput calculations. This workflow could optimize
electronic properties by train basis functions or train a spline model to
generate two center integrals for off-diagonal and onsite for diagonal
Hamiltonian and overlap. The results show that compared with previ-
ous Slater-Koster parameters, the dipole moments, charges, the ratios
of the on-site populations and the atomic numbers in charge population
analysis method can be improved by both tuning basis function pa-
rameters or optimizing integrals in spline model directly. The training
on basis functions could prevent the two center integrals go randomly
and keep Hamiltonian and overlap in reasonable range. Besides, the
multiple electronic properties could be improved simultaneously.

O 58.9 Wed 18:00 P4
Unsupervised regression-based measures for applications
on atomistic features e ALEXANDER Goscinski', GUIL-
LaUME Fraux!, Grunio ImBaLzano!, FgLix MusiLb2, SErRGEY
Pozpnvakow!, and MicueLE CerioTTI! — !Laboratory of Compu-
tational Science and Modeling, Institute of Materials, Ecole Polytech-
nique Fédérale de Lausanne, 1015 Lausanne, Switzerland — 2National
Center for Computational Design and Discovery of Novel Materials
(MARVEL), Lausanne, Switzerland

The quality of the features as input for a machine learning model
is a crucial factor for the prediction quality and the computational
efficiency. Commonly, to assess the quality of features, they are com-
pared by benchmarking the regression performance on several proper-
ties. Complementary to such a quality assessment, this work presents
certain measures for direct feature-to-feature comparisons without the
need of a target property. These measures are used to quantify the
capacity of features representing geometrical space in atomistic ap-
plications and derive an understanding of the information encoded in
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features.

O 58.10 Wed 18:00 P4
Accelerating plane-wave-based ab initio molecular dynam-
ics by optimization of Fast-Fourier transforms for modern
HPC architectures — oCHRISTIAN RITTERHOFF, ToBIAS KLOF-
FEL, SAGARMOY MANDAL, and BERND MEYER — Interdisciplinary
Center for Molecular Materials and Computer Chemistry Center, FAU
Erlangen-Nirnberg, Germany

The most important advantage of plane-wave basis sets is that wave
functions can be transformed efficiently from reciprocal to real space
and back by using the Fast-Fourier transform (FFT) algorithm. This
allows to evaluate the kinetic and potential energy in reciprocal and
real space, respectively, where both operators are diagonal. This re-
duces the computational cost for applying the Hamilton operator from
N? to NlogN. However, the scalability of current FFT libraries is
rather limited on today’s HPC systems, which offer large numbers of
compute nodes, each of them with many cores. Here we present our
optimization of the FFTX library of the Quantum Espresso software
package. Data distribution and communication patterns have been re-
vised to make optimal use of combined MPI and OpenMP paralleliza-
tion. Scalability is further increased by combining FFTs into batches
and by introducing overlapping computation and communication. We
implemented the revised FFTX library in our optimized version of the
CPMD code [1], and we demonstrate the achieved acceleration by a
series of benchmark simulations.

[1] T. Klsffel, G. Mathias, B. Meyer, Comput. Phys. Commun. 260
(2021) 107745

O 58.11 Wed 18:00 P4
Surface tension measurement of pure water in vacuum —
ePauL T. P. Rvan, Jirl PAVELEC, JAN BALAJKA, MICHAEL SCHMID,
and ULRIKE DiEBoLD — Institute of Applied Physics, TU Wien, Aus-
tria
Very little is known about the surface tension of pure liquids in contact
with their pure gaseous phases, i.e. without the presence of other gases
or liquid phase contaminants. This is surprising given that contami-
nants are known to greatly affect surface tensions values[1]. Recently
we have developed a method to dose liquid water onto pristine surfaces
in UHV using a small cryostat [2,3]. We combine this approach with
the pedant drop method [4] to measure the surface tension of ultra-
clean liquids in contact with their pure gaseous phases. The upgraded
version of the small cryostat, replaces the syringe typically used in the
pendant-drop method. The ultra-clean liquid is condensed onto a small
cryostat placed in a vacuum chamber. A pendant drop is formed and
carefully photograph allowing the surface tension of the liquid to be
directly determined. The design of the apparatus will be discussed and
preliminary measurements of ultra-clean water will be presented. [1]
Yuki Uematsu, et. al., Current Opinion in Electrochemistry, Volume
13, (2019) [2| Jan Balajka, et. al. , Review of Scientific Instruments
89, (2018) [3] Jan Balajka, et. al., Science, 361, (2018) [4] Berry, J. D.
et. al., J. Coll. Interface Sci. 454, 226*237, (2015).

O 58.12 Wed 18:00 P4
eLuca Lgzuol!, Lucie
DockaLova?, GARETH ParkiNson!, ULrikE DieBoLp!, and JIRI
PaveLec! — !nstitute of Applied Physics, TU Wien, Wiedner Haupt-
strasse 8-10/134, Vienna, Austria — 2Institute of Physical Engineer-

ing, Brno University of Technology

Home-Built UHV  Suitcase —

Due to their extreme sensitivity to adsorbing molecules, most surface
experiments have to be carried out in ultra-high vacuum (UHV). Ide-
ally, multiple different techniques are used to explain and understand
the phenomena happening on an atomic scale. To this end, it is often
necessary to transfer a sample from one chamber to another.

As a showcase, we discuss the analysis of perovskite oxides, pro-
duced by pulsed laser deposition (PLD) as thin films, in another UHV
chamber that allows atomically resolved STM/AFM imaging with a
Q+-sensor at liquid Nao/He - temperatures. The home built UHV
suitcase consists of three stages divided by gate valves. It has a scroll
pump for rough vacuum, a turbo pump to reach high vacuum, a NEG
pump and a cryopump to ensure a clean transfer and an ION/NEG
combination to provide UHV conditions long term in the storage stage,
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where the sample is transported.

O 58.13 Wed 18:00 P4
Wettability investigation of microscale water droplets on sili-
con substrate using atomic force microscopy — e MOHAMMADALI
Hormozi!, MarviN Horrer!»2, PAuLINE BRUMM?, and REGINE VON
Krirzing! — 1Soft Matter at Interfaces, Department of Physics,
Technical University of Darmstadt, 64289 Darmstadt, Germany —
2Institute of Printing Science and Technology (IDD), Technische Uni-
versitdt Darmstadt, Magdalenenstrafie 2, 64289 Darmstadt, Germany

The wettability of a particular substrate by a liquid drop is of interest
in many scientific fields. This phenomenon is often described by the
contact angle between the considered liquid and substrate. This pa-
rameter is an important boundary condition, especially for the wetting
of mixtures and solutions. This study shows a methodology for evaluat-
ing the contact angle of different droplets with a base diameter down to
0.5 micrometers. 3D topography of water droplets -generated through
condensation and Inkjet printing on a silicon substrate- has been de-
termined using Atomic Force Microscopy. Also, the topography of
printed mixture droplets including water-glycerol and water-glycerol-
isopropanol has been measured. Different curves have been fitted to
a 2D cross-section of each droplet, which provides information about
their contact angle. The contact angle of the mixtures deviates from
the macroscale contact angle at the vicinity of the three-phase contact
line; however, this phenomenon cannot be seen in pure water droplets.
While no effect of droplet diameter could be detected for diameters,
ranging from 0.5 to 30 micrometers, the macroscopic contact angle of
droplets is several degrees higher.

O 58.14 Wed 18:00 P4
High-frequency shot-noise STM to study correlated elec-
tron systems — eMAIALEN ORTEGO LARRAzABAL!, Jiasen Niu2,
KoeN M BasTiaans?, JIANFENG GEZ2, TJERK BENscHOP2, MILAN P
ArLan?, and INGMAR SwaRrT! — 1Debye Institute for Nanomateri-
als Science, Utrecht University, PO Box 80000, 3508 TA Utrecht, The
Netherlands — 2Leiden Institute of Physics, Leiden University, Niels
Bohrweg 2, 2333 CA Leiden, The Netherlands — 3Kavli Institute of
Nanoscience, Delft University of Technology, 2628 CJ Delft, Nether-
lands

The fluctuations in time of a measured signal provide information that
is not present in the time averaged value. For example, the discrete-
ness of the electric charge leads to fluctuations in the tunneling current
in an STM, known as shot-noise. Shot-noise measurements convey in-
formation about the correlations among the electrons in condensed
matter systems, such as the effective charge of the carrier or their dis-
tribution in the tunneling process. However, other contributions to
the measured noise, such as 1/f and thermal noise, make it difficult to
isolate the shot-noise component. For this reason, we use custom-built
electronics that allows us to read out the noise signal of the STM at
high frequencies and cryogenic temperatures and that does not inter-
fere with conventional STM measurements.

O 58.15 Wed 18:00 P4
Optimization of a Simple Electrospray Deposition Device
— eKEN KoLAR', MiriaM MEYER?, HENRIK SiBoNI!, CHRISTOPHE
Nacct!, GRANT SivpsoN!, and LEoNHARD GRriLL! — !Institute for
Chemistry, Department of Physical Chemistry, University of Graz,
Austria — 2Institute for Ion Physics and Applied Physics, University
of Innsbruck, Austria

A commercially available design of an electrospray deposition appa-
ratus was optimized for cleaner and more controllable deposition in
a high vacuum. The apparatus consists of a series of 5 differen-
tially pumped chambers separated by skimmer cones or apertures. An
angle-adjustable bellow was introduced between the second and third
pumping chamber for better control over the alignment and, conse-
quently, the ion beam flux reaching the final stage. Monitoring the
flux/alignment was done by current measurements around the aper-
tures and behind the last one with a conductive probe. Also, heating
of the transfer capillary and enclosing the emitter-transfer capillary
interface in a small transparent chamber (to allow different ambient
gas environments) were introduced. The first depositions were done
to test the performance of the improved design with some well-studied
molecules.
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O 59: Poster Wednesday: Plasmonics and Nanooptics 2

Time: Wednesday 18:00-20:00

0O 59.1 Wed 18:00 P4
Quantum description of the optical response in metal
nanoparticles — eJonas GRuUMM, ROBERT SALZWEDEL, MALTE
SELiG, and ANDREAS KNORR — Institut fiir Theoretische Physik,
Nichtlineare Optik und Quantenelektronik, Technische Universitét
Berlin, Berlin, Germany

The optical response of metal nanoparticles is dominated by the for-
mation of collective electronic resonances, so-called plasmons.

Here, we present a microscopic approach for their temporal dynam-
ics based on the self-consistent treatment of microscopic Boltzmann
transport equations and macroscopic Maxwell equations for the elec-
tromagnetic fields. Numerical simulations describe the thermalization
of the phonons and the relaxation of the electrons upon optical excita-
tion and allow to include nonlinear optical processes in the description.

0 59.2 Wed 18:00 P4
Access to hot electron dynamics in a nanotip via ultra-
fast THz-streaking — eDomiNIK WEBER, FELIX SOMMER, MORITZ
Heinbpr, and GEorGg HERINK — Experimental Physics VIII - Ultrafast
Dynamics, University of Bayreuth, Germany

Field enhancement and localization of single-cycle Terahertz radiation
at metallic nanotips forms the basis for a broad range of emerging ul-
trafast interactions - ranging from ultrafast nearfield and tunnelling
microscopy, transient carrier dynamics to strong-field phenomena. We
present an experimental access to ultrafast hot electron dynamics at
the apex of a free-standing nanotip based on THz-nearfield streaking
spectroscopy [1,2]. Using tunable fs-pulses, we induce non-equilibrium
electron excitations and transient hot electron distributions. Access
to local hot electron dynamics confined to the apex is provided via
nonlinear sub-cycle field emission at the peak of the enhanced single-
cycle THz-waveform. Based on experimental streaking waveforms, we
discuss the impact of excitation conditions on hot electron relaxation
and possibilities for external control of ultrafast carrier dynamics.

L. Wimmer et al., "Terahertz control of nanotip photoemission",
Nature Physics 10 (2014)

G.Herink et al., "Field emission at terahertz frequencies: AC-
tunneling and ultrafast carrier dynamics", New Journal of Physics 16
(2014)

0 59.3 Wed 18:00 P4
Near-field optical investigation of bandgap effects in SnTe —
o CHRISTIAN JUsTUs, KONSTANTIN G. WIRTH, DARIO SIEBENKOTTEN,
Lukas CoNRraDS, SopHIA WaHL, MaTrTHIAS WUTTIG, and THOMAS
TauBNER — . Institute of Physics (IA), RWTH Aachen University

Phase change materials (PCMs) are prime candidates for non-volatile
memory solutions[1]. Storage mediums with high memory density re-
quire a method for determining material properties with nanometer
precision. One such tool to investigate the optical properties of nano-
structures is scattering-type scanning near-field optical microscopy (s-
SNOM). Thus far, bandgap effects in semiconductors have eluded ex-
perimental observation in s-SNOM. Specifically metavalently bonded
materials may exhibit a bandgap shift by over a factor of three in re-
duced dimensions, such as in the case of Tin Telluride (SnTe) with
a shift from 0.2 to 0.7 €V[2]. The primary goal of this work is to
use s-SNOM to spectoscopically characterize bandgap effects in SnTe
thin films. We find good agreement between Fourier-transform infrared
spectroscopy (FTIR) and s-SNOM measurements over a spectral range
spanning 0.3 to 0.9 eV and are able to identify a bandgap contribution
to the spectral s-SNOM data. Our results may help to get a deeper
insight into confinement effects on the optical properties of nano-scale
PCM structures, such as PCM memory cells, and may provide a valu-
able tool for the analysis and characterization of PCM memory devices
with high storage density.

0 59.4 Wed 18:00 P4

Energy and momentum distribution of surface plasmon-
induced hot carriers — eCurisTOPHER WEIss!, Eva Prinz!,
MicHAEL Harterr!, Benjamin  StapTMmOULLERD2, and MARTIN
ABscHLIMANN! — 1Department of Physics and Research Center OP-
TIMAS, TU Kaiserslautern, Germany — 2Institute of Physics, Jo-

hannes Gutenberg University Mainz, Germany

Investigating the energy and momentum space signature of plasmon-
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induced hot electrons is essential for understanding novel plasmonic
energy conversion schemes. The question remains, if plasmon-induced
and photon-induced hot carriers are fundamentally different. For the
bulk plasmon resonance, a fundamental difference is known, yet for
the technologically important surface plasmons this is far from being
settled. Just recently, we identified a similar characteristic signature in
the surface plasmon polariton (SPP) emission that distinguishes them
from photon-induced electrons [1].

To separate the energy and momentum distribution of the plasmon-
induced hot electrons from those of the photoexcited electrons, we
employ a two-colour femtosecond time-resolved 2-photon photoemis-
sion (2PPE) experiment. The spatial evolution of the photoemitted
electrons was observed with energy-resolved photoemission electron
microscopy (PEEM) and momentum microscopy during the propaga-
tion of an SPP pulse along a gold surface. Building on these findings,
we extend this concept to SPPs of single crystalline silver surfaces to
investigate the influence of the band structure and material properties.

[1] Hartelt et al., ACS Nano 15, 12 (2021), 19559-19569

0 59.5 Wed 18:00 P4
Near-field optical investigation of few layer graphene — eLiNna
JACKERING, KONSTANTIN WIRTH, CHRISTIAN JuUsTus, and THOMAS
TauBNER — L. Institute of Physics (IA), RWTH Aachen University

Few layer graphene (FLG) samples usually consist of various stack-
ing orders, which show different optical and electronical properties.
Direct imaging and characterization of stacking domains in FLG sam-
ples can be done with scattering scanning near-field optical microscopy
(s-SNOM) [1]. S-SNOM is outstanding for its nanoscale resolution of
about 20 nm and its capability to image buried structures [2]. Thus, it
allows to characterize encapsulated FLG samples as they are used in
transport devices. Previous s-SNOM investigations focussed on the ex-
citation of free charge carriers in FLG at about 0.1€V [3,4]. Recently,
FLG stackings have been identified by exciting interband transitions
(0.27 — 0.56€V) [1,5]. Interband resonances of FLG have only been
measured at punctual energies or small energy regimes. Here, we in-
vestigate trilayer graphene and bilayer graphene in the spectral range
of 0.27—0.9 eV, providing a deeper understanding of their near-field op-
tical response, particularly of their interband resonance. Furthermore,
we identify different stacking domains in FLG samples encapsulated in
hexagonal boron nitride. Our findings provide a promising technique
to select stacking domains for fabrication of transport devices.

1. Kim et al., ACS Nano, 9, 7 (2005); 2. Jeong et al., Nanoscale, 9,
12 (2017); 3. Fei et al., Nature 487, 82 (2012); 4. Jiang et al., Nat.
Mater. 15, 840 (2016); 5. Wirth et al., arXiv: 2203.07971v1 (2022)

0 59.6 Wed 18:00 P4
Photoemission electron microscopy of Ag nanostructures on
silicon substrates — eMUHAMED SEWIDAN, KATHARINA ENGSTER,
KEevIN OLDENBURG, SYLVIA SPELLER, and INGo BARKE — Rostock
University, Rostock, Germany

We study electronic and optical coupling phenomena between plas-
monic nano-objects, organic molecules, and the substrate. Localized
plasmons created in metal nanostructures can lead to enhanced multi-
photon photoelectron emission under pulsed light excitation. In a pho-
toemission electron microscope (PEEM) individual particles of sub-15
nm size can be easily distinguished, providing access to the single-
particle plasmon properties for a large number of species simultane-
ously [1]. We present results on the spatially resolved photoemission
dependence on wavelength, polarization, and the surface composition
for size-selected Ag particles and nanostructure arrays prepared by
nanosphere lithography on silicon. [1] K. Oldenburg et al., J. Phys.
Chem. C 123, 1379 (2019)

0 59.7 Wed 18:00 P4
Inelastic electron-photon scattering with broadband opti-
cal pulses — oNikLAs MULLER, RasMus LAMPE, GERRIT VOSSE,
CHRISTOPHER RATHJE, and SAscHA ScHAFER — Institute of Physics,
University of Oldenburg, 26129 Oldenburg, Germany

The inelastic scattering of fast electrons at spatially confined light
fields has recently enabled new techniques in ultrafast transmission
electron microscopy (UTEM) [1,2,3] but is typically performed with
narrow bandwidth light pulses. Here, we study the interaction of fast
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electrons with broadband, strongly chirped light fields. Optical pulses
are generated in a home-build noncollinear optical parametric ampli-
fier (NOPA) [4] with a spectral width of up to 200 nm in the visible
range. Light reflection at an aluminum coated silicon nitride mem-
brane leads to an intense multicolor near-field at which we inelasti-
cally scatter femtosecond electron pulses forming photon sidebands in
the electron energy spectrum. The spectral sideband position changes
with the relative timing between electron and light pulse according to
the instantaneous frequency of the driving laser field. Different param-
eter regimes of electron and light chirp and their impact on inelastic
scattering patterns are discussed.

[1] G. De Abajo and M. Kociak, New J. Phys. 10, 073035 (2008) [2]
Barwick et al., Nature 462, 902-906 (2009) [3] Feist et al., Nature 521,
200-203 (2015) [4] G. Cerullo and S. De Silvestri, Rev. Sci. Instrum.
74, 1 (2003)

0O 59.8 Wed 18:00 P4
Probing Excitons-Photon interaction in WSe2 beyond the
Non-Recoil Approximation — eFATEMEH CHAHSHOURI, MASOUD
TaLEB, and Nauip TALEBI — Institute of Experimental and Applied
Physics, Kiel University, 24118 Kiel, Germany

Cherenkov radiation from electrons propagating in materials with a
high refractive index have applications in particle-detection mecha-
nisms. However, the theory of the Cherenkov radiation has been
treated up to now using the non-recoil approximation, which neglects
the effect of electron deceleration in materials. Here, we report on
the effect of the electron-beam deceleration on the radiated spectrum
and exciton-photon interactions in nm-thick WSe2 crystals beyond the
non-recoil approximation. The calculation of the Cherenkov radiation
is performed by simulating the energy distribution of an electron beam
propagating inside a thick WSe2 using the Monte Carlo method, and
ascertaining the radiating power from electron beams with Liénard-
Wiechert retarded potentials. Using this approach, we numerically
demonstrate that in thick flakes the radiation due to the electron-beam
deceleration is the dominating radiation mechanism. Our numerical
findings agrees well with the experimental cathodoluminescence spec-
tra. We further demonstrated that the captured CR in thick slabs
could cause Fabry-Perot resonances that emerge as fine structures in
the acquired CL spectra and demonstrate the fully coherent process of
CR emission, happening due to its phase-matched excitation nature.
Our findings pave the way for an accurate design of particle scintilla-
tors and detectors, based on the strong-coupling phenomenon.

O 60: Overview Talk Thorsten Deilmann

Time: Thursday 9:30-10:15

Invited Talk 0 60.1 Thu 9:30 S054
Exciting states in atomically thin layers — e¢THORSTEN DEIL-
MANN — Institute of Solid State Theory, University of Miinster, Ger-
many

Monolayers of two-dimensional materials and its stacking unite the
fascinating characteristics of the confined in-plane physics with novel
features due to the interlayer interaction. Especially in semiconducting
materials largely tunable band gaps and optical responses have been
observed in various materials. Unraveling the corresponding excited
states is a crucial challenge for basic research as well as for possible

Location: S054

applications in opto-electronic devices. Several external stimuli, e.g.
doping, electric, or magnetic fields, can be applied to probe the re-
sponse of many-particle states like excitons or trions, and thus also of
its fundamental properties. Applying first-principles methods allows to
predict, e.g., the quantum mechanical nature when an exciton is doped
and becomes a trion, or its g factor due to the Zeeman effect. These
calculations facilitate a connection of the experimental observations
with the physical properties of the excited states. In the talk, several
features in mono- and multilayer transition metal dichalcogenides and
similar materials will be demonstrated.

O 61: Plasmonics and Nanooptics 2

Time: Thursday 10:30-12:45

Topical Talk O 61.1 Thu 10:30 H2
Single Molecule Nonlinearity in a Plasmonic Waveguide —
eMARKUS LippiTz — Experimental Physics ITI, University of Bayreuth

Plasmonic waveguides offer the unique possibility to confine light far
below the diffraction limit. Past room temperature experiments fo-
cused on efficient generation of single waveguide plasmons by a quan-
tum emitter. However, only the simultaneous interaction of the emitter
with multiple plasmonic fields would lead to functionality in a plas-
monic circuit. Here, we demonstrate the nonlinear optical interaction
of a single molecule and propagating plasmons. An individual ter-
rylene diimide (TDI) molecule is placed in the nanogap between two
single-crystalline silver nanowires. A visible wavelength pump pulse
and a red-shifted depletion pulse travel along the waveguide, leading
to stimulated emission depletion (STED) in the observed fluorescence.
The efficiency increases by up to a factor of 50 compared to far-field
excitation. Our study thus demonstrates remote nonlinear four-wave
mixing at a single molecule with propagating plasmons. It paves the
way toward functional quantum plasmonic circuits and improved non-
linear single-molecule spectroscopy.

O 61.2 Thu 11:00 H2

Excitation of coherent phonon modes in plasmonic gold
nanoparticles eDoMiNik HoOing!2, ROBERT SALZWEDEL?,
Macrte SeLic?, KarTik AvveEr?3, JocHEN KUPPER?3, ANDREAS
Knorr?, and Horcer Langeb2? — llInstitute of Physical Chem-
istry, Universitit Hamburg, Hamburg, Germany — 2The Hamburg
Centre for Ultrafast Imaging, Hamburg, Germany — 2Center for Free-
Electron Laser Science, Hamburg, Germany — “Institut fiir Theoretis-

che Physik, Technische Universitat Berlin, Berlin, Germany

The plasmonic properties of gold nanoparticles (AuNP) have been
widely studied, because of their exhibition of strong light-matter cou-
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pling and hot carrier generation. The carrier dynamics that follow the
optical excitation are presently understood as a series of events with in-
creasing time-scales. Among them, the excitation of coherent acoustic
phonon modes, also called breathing modes, is thought to result from
the ultrafast heating of the lattice due to electron-phonon coupling.
However, previous experimental studies were insufficient in detecting
the onset of the breathing oscillation. Here, we use a combination
of transient absorption spectroscopy, time-resolved X-ray scattering
and a model combining quantum coherent and hydrodynamic theory
to develop a different picture: We show that the gradient in electron
density induced by the optical excitation instantaneously couples to
coherent phonons, resulting in an immediate onset of the breathing
oscillation with the optical excitation. Thus, the processes involved in
the plasmon decay are more intertwined as previously assumed.

0 61.3 Thu 11:15 H2

Probing a plasmon-polariton quantum wave packet — SE-
BASTIAN Pres!, BernHArRD HUBER!, DanNiEL FErscH!, ENNO
Scuarz?, DaNIEL FriepricH?, VicTor LiIsINETSKII', RUBEN

Powmpr3, eMaTTHIAS HENSEN!, BERT HECHT?, WALTER PFEIFFER?,

and ToBias BrixNErR! — !nstitut fiir Physikalische und Theoretische
Chemie, Universitdt Wiirzburg, Am Hubland, 97074 Wiirzburg, Ger-
many — 2NanoOptics & Biophotonics Group, Experimental Physics
5, Universitat Wiirzburg, Am Hubland, 97074 Wiirzburg, Germany —
3Fakultat fiir Physik, Universitit Bielefeld, Universitétsstr. 25, 33615
Bielefeld, Germany

Beyond the classical picture, plasmon-polariton modes are treated as
quasi-particles in quantum physics and they are considered essential
for the realization of future nanoscale quantum functionality. Imple-
menting and demonstrating such functionality requires local access to
the quasi-particle’s quantum state to monitor its corresponding quan-
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tum wave-packet dynamics. Here, we report the local probing of
such an eigenstate superposition, linked to a nanoslit resonator, us-
ing plasmon-polariton-assisted electron emission as signal in coherent
two-dimensional nanoscopy!. We observe a quantum coherence oscil-
lating at the third harmonic of the plasmon-polariton frequency and
identify it, using quantum dynamical simulations, to arise from the
superposition of energetically non-adjacent plasmon-polariton occupa-
tion number states. The simulations also contain an improved model
for plasmon-polariton-assisted electron emission processes.

[1] M. Aeschlimann et al., Science 333, 1723-1726 (2011)

O 61.4 Thu 11:30 H2
Modelling Plasmon-Exciton Interaction using a Coupled-
Oscillator Approach ®SIMON DursrT, CHRISTOPH
ScHNUPFHAGN, and MARkus LippiTz — Experimental Physics III,
University of Bayreuth

Coupling effects between plasmonic and excitonic systems have at-
tracted increasing interest in the last decade. In particular, Surface
Lattice Resonances, diffractive modes supported by periodic arrays
of metallic nanoparticles, allow for long-range coherent energy trans-
fer and have been shown to strongly couple to interspersed excitonic
emitters. Here, we will present experimental results showing strong
coupling between Surface Lattice Resonances and the excitonic mode
of a J-aggregate dye. The angle-resolved extinction spectra of this
coupled system are modelled using a coupled oscillator model, which
describes observed effects, such as a loss of contrast of the upper polari-
ton branch or an asymptotic behaviour of the lower polariton branch
well.

O 61.5 Thu 11:45 H2
Light emission from single self-decoupled molecules —
oVisuuTt Rarl, Lukas GERHARD!, GABRIEL DERrRENBacH!, Nico
BaLzZER?, MICHAL VALASEKZ?, MARCEL Mayor2?, and WULF
WuLFHEKEL! — llnstitute for Quantum Materials and Technolo-
gies, Karlsruhe Institute of Technology (KIT), D-76344 Eggenstein-
Leopoldshafen, Germany — 2Institute of Nanotechnology, Karlsruhe
Institute of Technology (KIT), D-76344 Eggenstein-Leopoldshafen,
Germany

Realization of single molecules as electric light sources faces a dilemma:
In order to emit light, they need to be decoupled from the metallic
electrodes to prevent fluorescence quenching. To conduct, however,
the molecular orbitals need to hybridize with the electrodes. This
can be achieved by decoupling the molecular chromophore to a cer-
tain extent from the electrode via anchoring groups. In the past, such
self-decoupled molecules often lacked reproducibility of the decoupling
and energy of the emitted light. Here, we show reproducible and well
defined electroluminescence of two different NDI chromophores linked
to a gold substrate via a molecular tripod and via a vacuum barrier
to the tip of a scanning tunnelling microscope [1]. The stability of the
system allows to perform systematic experiments so far only possible
for molecules decoupled via insulating layers.
[1] Edelmann, K. et al. Rev. Sci. Instrum. 89, 123107 (2018).

O 61.6 Thu 12:00 H2
Investigation of chemical interface damping on electrochem-
ically functionalized flat gold and nanoporous gold surfaces
— eMAURICE PFEIFFER!, XINYAN WU, ALEXANDER PETROV!'2, and
MAaNFRED Eicub2 — !nstitute of Optical and Electronic Materials,
Hamburg University of Technology, Germany — 2Institute of Photo-
electrochemistry, Helmholtz-Zentrum Hereon, Geesthacht, Germany

The chemical interface damping (CID) effect occurs at metal surfaces
when applying surface modifications, such as oxidation. It results in
an increase of the electron collision frequency of the metal, thus al-
tering its optical properties. Previous research showed that this effect
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may also enhance the efficiency of photocatalytic water splitting by
visible light [1]. We investigate the CID effect on flat gold as well as
nanoporous gold samples with the latter having the advantage of a very
high surface to volume ratio, making surface effects (like CID) more
pronounced. Our experimental setup consists of a spectroscopic ellip-
someter to investigate the optical properties. This device is equipped
with an electrochemical cell in which we can reversibly oxidize the sam-
ple surface, allowing an in-situ study of the CID effect. Previous re-
search investigated the CID effect on gold nanoparticles and observed
an increase of the damping rate at the plasmon resonance [2]. Our
results on flat gold reveal a similar increase of the damping, but addi-
tionally enable the investigation of broadband properties from which
we expect further insights on the nature of the damping mechanism.

[1] Graf et al., ACS Nano 2021, 15, 2, 3188-3200 [2| Foerster et al.,
Nano Lett. 2020, 20, 5, 3338-3343

O 61.7 Thu 12:15 H2

Switching on the electroluminescence of single molecules ad-
sorbed directly on a metal surface Visauti Rarl, eLukas
GERHARD!, N1co BaLZER?, MicHAL VALASEK?, CHRISTOF HOLZER3,
LiaNc YanG2, MARTIN WEGENERZ, CARSTEN ROCKSTUHL®, MARCEL
Mavor2, and WuLF WULFHEKEL! — !Institute for Quantum Mate-
rials and Technologies, Karlsruhe Institute of Technology (KIT), D-
76344 Eggenstein-Leopoldshafen, Germany — 2Institute of Nanotech-
nology, Karlsruhe Institute of Technology (KIT), D-76344 Eggenstein-
Leopoldshafen, Germany — 3Institute of Theoretical Solid State
Physics, Karlsruhe Institute of Technology (KIT), D-76131 Karlsruhe,
Germany

Exciting single molecules to emit light into the far-field requires them
to be electronically decoupled from the contacting metallic leads. In
the scanning tunnelling microscope (STM) geometry, typically this has
been achieved by inserting insulating layers between the molecules and
the metal substrate [1]. Here, we report our finding that it is possi-
ble to activate the electroluminescence (EL) of individual 2,6- core-
substituted naphthalene diimide derivatives (Tpd-sNDI), adsorbed di-
rectly on a metal surface with the help of the STM tip. We observe that
to emit light, both orbitals involved in the optical transition need to
be electronically decoupled. The STM measurements were performed
with a home-built, low temperature, ultra-high vacuum scanning tun-
nelling microscope (STM) with optical access [2].

[1] Zhang, Y. et al. Nature 531, 623 (2016).

[2] Edelmann, K. et al. Rev. Sci. Instrum. 89, 123107 (2018).

O 61.8 Thu 12:30 H2
First principles investigation of plasmonic hydrogen catalysis
on metallic magnesium nanoparticles — ¢Oscar A. DouGLAs-
GaLLAarDO, ConNOR L. Box, and REINHARD J. MAURER — Univer-
sity of Warwick, Coventry, United Kingdom

Plasmon-induced hot-carrier photochemistry is currently a promising
avenue to achieve highly selective and efficient chemical transforma-
tion on plasmonic metal surfaces. A new class of materials made up
of Earth-abundant-elements has gained increasing interest in the plas-
monic area, as an alternative to the oft studied late transition metals
(Au, Ag and Cu).

Here, we will present our results on the optical and electronic prop-
erties of metallic magnesium nanoparticles and their potential use as
plasmonic hydrogen catalysts. We explore the optical and electronic
properties with time-dependent density functional tight-binding (TD-
DFTB) and molecular dynamics with electronic friction (MDEF) simu-
lations. Our results show that Mg nanoclusters can produce highly en-
ergetic hot-electrons and they energetically align with electronic states
of physisorbed molecular hydrogen, the occupation of which by these
hot electrons can promote hydrogen dissociation. The reverse reac-
tion, hydrogen evolution on metallic Mg, may also be promoted by
hot electrons, but following a different mechanism.
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O 62: Surface Reactions and Heterogeneous Catalysis 1

Time: Thursday 10:30-12:45

O 62.1 Thu 10:30 H4
Gaussian Approximation Potentials for Surface Catalysis —
oSiNa StockiErRD?, GABorR CsANyr®, KarsTEN REUTER!, and Jo-
HANNES T. MARGRAF! — lFritz Haber Institut der Max Planck
Gesellschaft, Berlin, Germany — 2Technische Universitat Miinchen,
Germany — 3University of Cambridge, United Kingdom

Predictive-quality first-principles based microkinetic models are in-
creasingly used to analyze (and subsequently optimize) reaction mech-
anisms in heterogeneous catalysis. In full rigor, such models require
the knowledge of all possible elementary reaction steps and their corre-
sponding reaction barriers. Unfortunately, for complex catalytic pro-
cesses (such as the generation of ethanol from syngas) the number of
possible steps is so large that an exhaustive first-principles calculation
of all barriers becomes prohibitively expensive.

To overcome this limitation, we develop machine learned (ML) in-
teratomic potentials to model syngas conversion on Rhodium. These
ML potentials can be used to determine free energy reaction barri-
ers for a large number of adsorbates at various CO coverages and at
a fraction of the computational cost of the underlying first-principles
method. Specifically, we use here the Gaussian Approximation Poten-
tial (GAP) framework and explore iterative training in combination
with umbrella sampling.

0 62.2 Thu 10:45 H4
Hydrogen adsorption on Pd surfaces and its effect on CO»
activation — eHErRzAIN I. RivERA-ARRIETA!, IcorR KowaLEc?, Lu-
cas Foppal, ANDREW Loaspain?, Davip WiLLock?, and MATTHIAS
ScHEFFLER! — 1The NOMAD Laboratory at the Fritz Haber Institute
of the Max Planck Society and the Humboldt-Universitdt zu Berlin,
Germany — 2Cardiff Catalysis Institute, Cardiff University, UK

Understanding the reactivity of Pd-based catalysts in hydrogenation
processes requires an accurate description of its surfaces at realistic
temperature (7') and hydrogen pressure (pp,). Herein, by modeling
the surface phase diagram of Pd (111) and (100) as a function of T,
PH, via ab initio atomistic thermodynamics [1], we predict 1 monolayer
(ML) coverage of H as the most stable configuration under common ex-
perimental reaction conditions [2]. Taking a particular interest in the
activation of CO2, we performed simulations concerning the interac-
tion of the molecule with the surfaces as the H-coverage increases from
0 to IML. Our results show how 1 ML of H inhibits the formation of
chemisorbed COg‘, the initial intermediate in the CO2 hydrogenation
reaction. The generated data will be combined with information from
other metal surfaces, and the subgroup-discovery artificial-intelligence
approach [3] will be applied to identify which basic materials param-
eters correlate with indicators of CO2 activation, e.g. the adsorption
energy or the C-O bond elongation.

[1] C. Stampfl, et al., Appl. Phys. A, 69, 471 (1999).

[2] H. Bahruji, et al., J. Catal., 343, 133 (2016).

[3] B. R. Goldsmith, et al., New J. Phys., 19, 013031 (2017).

0 62.3 Thu 11:00 H4
Atomic steps as active sites in the Co-catalyzed Fischer-
Tropsch synthesis: Evidence from an operando STM study
on a stepped model catalyst — eKATHARINA GOLDER and JoosT
WINTTERLIN — Ludwig-Maximilians-Universitdt Miinchen, Germany

Atomic steps are often assumed to represent the active sites on the sur-
face of a heterogeneous catalyst. This assumption is based on turnover
data that display a certain scaling of the activity with the particle
sizes of the catalysts. However, this evidence is indirect and often
controversial. We have recently shown that the activity of a Co(0001)
single crystal surface in the Fischer-Tropsch synthesis of hydrocarbons
is proportional to the density of atomic steps. This is a quite direct
evidence for the activity of atomic steps, but it was obtained for a flat
model system. Here we present results of investigations on a Co(10115)
surface that has a similar step density as the Co particles of the in-
dustrial Fischer-Tropsch catalyst. The experiments were performed
with a scanning tunneling microscope (STM) at a syngas (2H2+CO)
pressure of ~1 bar and a temperature of 503 K. Hydrocarbon prod-
ucts were detected by a special gas chromatograph (GC). The STM
data show that the morphology of the stepped surface is stable under
operando conditions. The activity measured by GC is considerably
higher than that of the Co(0001) sample. It is close to the activities
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reported for supported Co catalysts, a result that bridges the mate-
rials gap between model systems and the industrial Fischer-Tropsch
catalysts.

O 624 Thu 11:15 H4
Predicting Binding Motifs of Complex Adsorbates Using Ma-
chine Learning with a Physics-inspired Graph Representa-
tion — eWENBIN Xul, KarRsTEN REUTER!, and MIE ANDERSEN2
— 1Fritz-Haber-Institut der MPG, Berlin, Germany — 2Aarhus Insti-
tute of Advanced Studies and Department of Physics and Astronomy,
Aarhus University, Denmark

Complex adsorbates are involved in many surface catalytic reactions
such as Fischer-Tropsch, methanol, or higher oxygenate synthesis. The
modeling of these species at transition metal catalysts must account
for their ability to exhibit a wide range of adsorption motifs, including
mono- and multi-dentate adsorption modes. Given the combinatorial
explosion of possible adsorption motifs and the computational cost of
density functional theory, it is desirable to develop machine learning
(ML) models for predicting the binding motifs and their associated
adsorption enthalpies. Most ML models to date are only applicable
to simple adsorbates. In this work, we overcome this limitation and
propose a kernelized ML model with a physics-inspired graph represen-
tation for the prediction of complex species. The model is data-efficient
and its good extrapolation ability makes it promising for comprehen-
sively exploring complex reaction networks on novel catalysts. Fur-
thermore, we show that the outliers with large prediction errors can be
reliably captured from an ensemble uncertainty prediction approach.

O 62.5 Thu 11:30 H4
Machine-Learning Driven Global Optimization of Surface
Adsorbate Geometries — eHyunwook JuNGg, SINA STOCKER,
KARSTEN REUTER, and JoHANNEsS T. MARGRAF — Fritz-Haber-
Institut der MPG, Berlin, Germany

The adsorption energy is an essential descriptor for predicting catalytic
activity in theoretical models of heterogeneous catalysis. Although es-
tablished scaling relations facilitate the prediction of adsorption en-
ergies for small adsorbates like OH, they are not applicable to larger
adsorbates that are frequently encountered in syngas chemistry. Such
systems often feature complex potential energy surfaces due to their
flexibility and the possibility of multidentate binding to the surface.
Consequently, computing adsorption energies for such adsorbates im-
plies a complex global optimization to find the ground state geome-
try. This is prohibitively expensive at the density functional theory
(DFT) level for routine applications. To tackle this issue, we present
a global optimization protocol for adsorbate geometries which trains a
surrogate Gaussian Approximation Potential on-the-fly. The approach
is applicable to generic surface models (i.e. without defining surface
sites) and minimizes both user intervention and the number of DFT
calculations by iteratively updating the training set with configura-
tions explored by the algorithm. We demonstrate this approach for
diverse adsorbates on the Rh (111) and (211) surfaces.

0 62.6 Thu 11:45 HA4
New catalysts for oxidative-coupling of methane: theoretical
search and experimental validation — eALIAKSEI MAZHEIKA',
MicHAEL GESKE!, MATTHIAS MUELLER?, STEPHAN SCHUNK?, FRANK
Rosowski"3, and RaLpH KRAEHNERT! — 1Technische Universitaet,
Berlin, DE — 2hte GmbH, Heidelberg, DE — 3BASF SE, Lud-

wigshafen, DE

Oxidative-coupling of methane (OCM) is a direct way for conversion
of methane to higher hydrocarbons - ethane, ethylene. Despite many
years spent for the search of an efficient catalyst, still a material which
would satisfy industrial rentability has not been found. In our study
we proceed from an experimentally observed volcano-like dependence
of Ca-yields on formation energies of carbonates on oxide catalysts
[1]. We developed a new method which allows to calculate carbonates
formation energies from COg adsorption energies on the surfaces of
corresponding oxides. In combination with artificial intelligence meth-
ods (data mining and symbolic regression) this was used in the high-
throughput screening. The latter is done in a way of active-learning,
and we demonstrate its advantages compared to traditional scheme.
Several catalysts obtained from the screening have been synthesized
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and experimentally tested together with less promising materials. Ob-
tained Ca-yields follow the same volcano-type dependence that formed
initial basis for the employed strategy. The best catalyst candidates
reach maximum Cg-yields comparable to the well-known OCM cata-
lysts and outperform them at lower temperatures.

[1] H. Wang et al., https://doi.org/10.26434 /chemrxiv-2022-gxt5n

0O 62.7 Thu 12:00 H4
Finding catalyst genes with subgroup discovery — e ALIAKSEI
MaAzHEIKA!, YAaNGGaNG WANG2, RoseNDO VALERO®, FRANCESC
Vines®, Francesc InLas®, Luca M. GHIRINGHELLI?, SERGEY V.
LevcHENKO®, and MATTHIAS SCHEFFLER?* — l1Technische Universi-
taet, Berlin, DE — 2University of Science and Technology, Shenzhen,
CN — SUniversitat de Barcelona, Barcelona, ES — 4The NOMAD
Laboratory at the Fritz Haber Institute and Humboldt University,
Berlin, DE — 5Moscow

Catalytic-materials design requires predictive modeling of the interac-
tion between catalyst and reactants. This is challenging due to the
complexity and diversity of structure-property relationships across the
chemical space. Here, we report a strategy for a rational design of
catalytic materials using the artificial intelligence approach (AI) sub-
group discovery. We identify catalyst genes (features) that correlate
with mechanisms that trigger, facilitate, or hinder the activation of
carbon dioxide (CO2) towards a chemical conversion. The AI model
is trained on first-principles data for a broad family of oxides. We
demonstrate that surfaces of experimentally identified good catalysts
consistently exhibit combinations of genes resulting in a strong elon-
gation of a C-O bond. The same combinations of genes also minimize
the OCO-angle, the previously proposed indicator of activation, albeit
under the constraint that the Sabatier principle is satisfied. Based on
these findings, we propose a set of new promising catalyst materials
for CO2 conversion.—A. Mazheika et. al. Nature Comm. 2022, 13,
419.

0 62.8 Thu 12:15 H4
Selectivity in single-molecule reactions by tip-induced re-
dox chemistry — eFLORIAN ALBRECHT!, SHADI FaravEr!2, Iaco
Pozo3, Ivano TavErNELLIY, JascHA REPP?, Dieco PENAS, and LEO
Gross! — 'IBM Research - Zurich, 8803 Riischlikon (Switzerland) —
2Physical Science and Engineering Division, King Abdullah University
of Science and Technology (KAUST), 23955-6900 Thuwal (Saudi Ara-
bia) — 3Centro Singular de Investigacién en Quimica Bioléxica e Ma-

O 63: New Methods and Developments 4:
session

Time: Thursday 10:30-12:30

Topical Talk 0 63.1 Thu 10:30 H6
Element and Structure Analysis of Surfaces Using Positrons
— oCHrisTOPH HUGENSCHMIDT — Forschungs-Neutronenquelle Heinz
Maier-Leibnitz (MLZ), Technische Universitdt Miinchen, Lichten-
bergstr. 1, 85748 Garching, Germany

With the advent of bright low-energy positron beams novel analysis
tools have been developed exploiting the unique properties of positron
matter interaction such as repulsive crystal potential or positron trap-
ping in surface states [1]. Positron annihilation is established for defect
spectroscopy and the characterization of the free volume in amorphous
matter. By applying a slow positron beam, however, defects near the
surface can be specifically addressed, e.g. for the determination of
the oxygen vacancy concentration in YBagCu3zO7_5 [2]. The positron
counterparts of reflection high-energy electron diffraction (RHEED)
and electron induced Auger-electron spectroscopy (AES) intrinsically
exhibit superior surface sensitivity. In contrast to electrons, positrons
show total reflection for small glancing angles. It was demonstrated
that with reflection high-energy positron diffraction the structure of
the topmost and the immediate subsurface atomic layer of surfaces are
revealed with outstanding accuracy. The main advantages of positron
annihilation induced AES are the missing secondary electron back-
ground and its topmost layer sensitivity for element analysis allowing,
e.g. the in-situ observation of the Ni adatom migration from the Pd
surface into the bulk [3]. [1] C. H.; Surf. Sci. Reports 71 (2016) 547;
[2] M. Reiner et. al.; Phys. Rev. B 97 (2018) 144503; [3] S. Zimnik et.
al.; Surf. Sci. 664 (2017) 61

teriaisMoleculares (CiQUS) and Departamento de Quimica Orgunica,
Universidade de Santiago de Compostela, 15782 Santiago de Com-
postela (Spain) — “Institute of Experimental and Applied Physics,
University of Regensburg, 93053 Regensburg (Germany)

Since the first experiments by S.-W. Hla in 2000 [1], tip-induced on-
surface synthesis is an active field. Not only in on-surface chemistry, se-
lective control over the outcome of a reaction is a major quest. Here, we
activate a molecule adsorbed on ultrathin insulating films by dehalo-
genation and perform selective constitutional isomerization reactions
in a low temperature UHV combined STM and AFM. The selectivity
is controlled by the polarity and amplitude of applied voltage pulses.
The insulating films stabilize the isomers in different charge states and
allow for their characterization. The importance of molecular charge
state on the reaction is supported by DFT-derived isomerization en-
ergy landscape. [1] S.-W. Hla et al., Phys. Rev. Lett. 85, 2777 (2000).

0 62.9 Thu 12:30 H4
Abiotic Formation of an Amide Bond via Surface-Supported
Direct Carboxyl-Amine Coupling — eBi1ao Yanc!h2, KaIrENG
Nivb3, FeLix Haac?, Nan Caol2, Junyie Zuancl, Hamming
Zuang!, Qing Li', FRANCEsco ALLEGRETTI?, JoNAs Biork3, Jo-
HANNES Barre?, and LirEne CHr! — lInstitute of Functional Nano
and Soft Materials (FUNSOM), Soochow University, Suzhou 215123
(P. R. China) — 2Physics Department E20, Technical University of
Munich, D-85748 Garching, (Germany) — 3Department of Physics,
Chemistry and Biology, IFM, Link¢ping University, 58183 Linkoping
(Sweden)

Amide bond formation is one of the most important reactions in bio-
chemistry, notably being of crucial importance for the origin of life.
Herein, we combine scanning tunneling microscopy and X-ray pho-
toelectron spectroscopy studies to provide evidence for thermally ac-
tivated abiotic formation of amide bonds between adsorbed precur-
sors through direct carboxyl-amine coupling under ultrahigh-vacuum
conditions by means of on-surface synthesis. Complementary in-
sights from temperature-programmed desorption measurements and
density functional theory calculations reveal the competition between
cross-coupling amide formation and decarboxylation reactions on the
Au(111) surface. Furthermore, we demonstrate the critical influence of
the employed metal support: whereas on Au(111) the coupling readily
occurs, different reaction scenarios prevail on Ag(111) and Cu(111).[1]
[1] Biao Yang+*, Kaifeng Niu+, et al. Angew. Chem. Int. Ed.
anie.202113590 (2021)

Spectroscopies, Diffraction and Others (joint
O/KFM)
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0O 63.2 Thu 11:00 H6
Active sample manipulation with electrostatic beams: a dif-
ferent way of bridging the high-voltage gap — eFraANCEsco
Guartieri, KiLiaAN BRENNER, and CHRISTOPH HUGENSCHMIDT —
Heinz Maier-Leibnitz Zentrum (MLZ), Technical University of Mu-
nich, Lichtenbergstr. 1, 85748 Garching, Germany

Most electrostatic positron beams used to perform surface studies are
accelerated to the desired implantation energy by floating the target
to a high electrostatic potential relative to ground. The presence of
tens on kilovolts of electric potential makes the use of instrumenta-
tion attached directly to the sample inconvenient. The conventional
solution to this hurdle consists in wiring insulated connections from
the sample to a high-voltage galvanic decoupling placed outside of the
experimental chamber far away from the sample holder. This solution
carries limitations on the kind and amount of electrical connections
employed. We will present, instead, a novel approach to in-operando
sample manipulation that we have developed to be used at the Doppler
broadening spectrometer installed on the NEPOMUC positron source,
which implements the galvanic insulation in situ and removes many of
the limitations imposed by conventional solutions.

0O 63.3 Thu 11:15 H6
Advanced Kernel-Based NMR Cryoporometry Characteriza-
tion of Mesoporous Solids — eHeENRY R.N.B. ENNINFUL, DANIEL
ScHNEIDER, RicHARD KonNs, DRk ENKE, and RUSTEM VALIULLIN
— Leipzig University, Leipzig, Germany
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NMR cryoporometry is a pore space characterization technique for in-
dustrial and natural materials such as catalysts, gas storage materials,
cartilage, bones, rocks and many more. While gaining wide use, the
fundamental phenomena underlying solid-liquid phase transitions in
geometrically disordered porous materials is still not fully understood.
This may lead to inaccurate pore size distributions from the NMR
cryoporometry technique.

In this work, we have developed a new approach to NMR cryoporom-
etry. Herein, it takes account of cooperativity effects in pores, the exis-
tence of a variable non-frozen layer (NFL) thickness between the frozen
core and pore wall and the effect of curvature on thermal fluctuations
in pores which hitherto are missing in the current approach. In the
first place, we compile a family of transition curves characterizing the
phase state in pores with different pore sizes, so called kernels. There-
after, we apply a general framework for predicting phase equilibria in
a collection of pores. Specifically, the proposed kernel-based approach
is coupled with the serially-connected pore model (SCPM) to be able
to predict phase behavior in independent pore systems as well as in
pore networks. We demonstrate the new approach by applying it to
ordered porous materials such as MCM-41 and SBA-15. Consequently,
a more accurate pore size distribution (PSD) is obtained.

0 63.4 Thu 11:30 H6
Development of an electron spin resonance spectrometer in
ultra-high vacuum for surface spins — eJuvounag Park!?2,
FrankLIN H. Cuo'»2, Jisoo Yu':?, Luciano Corazzo!':?, YEJIN
Jeong! 2, Junsie Liu3, ArzuanG ARDAVAN®, GlovanNi Borro?,
ANDREAs HEINRICHY2, and FaBio DoNnaTi!2 — 1Center for Quantum
Nanoscience, Institute for Basic Science, Seoul, Republic of Korea —
2Ewha Womans University, Seoul, Republic of Korea — 3The Claren-
don Laboratory, Department of Physics, University of Oxford, Oxford,
UK — “4Ecole Polytechnique Fédérale de Lausanne, Laboratory for Mi-
crosystems, Lausanne, Switzerland

We present the development of an electron spin resonance (ESR) spec-
trometer operating in ultra-high vacuum (UHV) for studying surface-
adsorbed molecular and atomic spin systems. Such surface spin sys-
tems are promising platforms for potential applications in quantum
computing and information processing [Science 366, 509 (2019)]. Our
spectrometer is capable of both continuous-wave and pulsed ESR mea-
surement in the temperature range of 2.5 K to 300 K. The surface-
sensitivity is attained using a surface-type microwave resonator with
its resonance frequency in the X-band. The spectrometer is connected
to a home-built in-situ preparation chamber which allows us to pre-
pare and characterize surfaces with low-energy electron diffraction and
Auger electron spectroscopy. We demonstrate that we are sensitive
down to a monolayer of molecular film using organic radicals such
as «,y-Bisdiphenylene-3-phenylallyl, and metal phthalocyanine com-
plexes such as vanadyl phthalocyanine.

0 63.5 Thu 11:45 H6

Unsupervised machine learning-assisted analysis of multidi-
mensional ARPES data — eSTEINN YMIR AGUSTSSON', MOHAM-
MAD AHSANUL HAQUE?, FATEMEH ZARDBANI?, DAVIDE MOTTINZ,
PanacioTis Karras?, and PaiLip Hormann® — !nstitute of Physics
and Astronomy, Aarhus University, Denmark — 2Institute of Com-

puter Science, Aarhus University, Denmark

In recent years, the size and complexity of experimental data sets
has been dramatically growing in many fields of science. For photoe-
mission spectroscopy, the development of novel detectors and multi-
dimensional measurement modes (e.g., including a time dependence or
spatial dependence), has lead to orders of magnitude more data being
produced. Even after a necessary upgrade of the data management
system, it remains highly challenging to visualize and superficially in-
terpret the data fast enough to feed back into decisions about what
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to measure in an ongoing experimental run. A promising approach to
address this is the application of machine learning tools. These have
shown promising results when applied to data reduction and feature
detection tasks in many fields of science. We have developed an un-
supervised clustering method which is able to distinguish differences
between ARPES spectra obtained from different spatial locations in
nanoARPES measurements. This enables quick and automatic iden-
tification and classification of regions with different spectral features,
allowing to invest more time in the collection of significant data.

O 63.6 Thu 12:00 H6
ViPErLEED: A modern all-in-one LEED I(V) package
eALEXANDER M. IMRe!, Frorian Krausnorerb2, Fro-
RIAN DOERR!, TiLmMAN KissLINGER®, MICHAEL ScHMID!, ULRIKE
DiesoLp!, Lutz HaMMER3, and MicHeELE Rival — 1TU Wien, Vi-
enna, Austria — 2TU Munich, Munich, Germany — 3FAU Erlangen-
Niirnberg, Erlangen, Germany

Many surface science groups use Low-Energy Electron Diffraction
(LEED) for quick, qualitative analysis of surface periodicity. Anal-
ysis of the beam intensities as a function of electron energy [LEED
I(V)] is sensitive to surface atom positions at the picometer scale.
Thus, comparison with calculated intensities can verify or reject struc-
tural models. Despite this, LEED I(V) is currently rather unpopular,
largely because the available software solutions are not sufficiently user-
friendly. To greatly lower the barrier of entry into the field, we present
the Vienna Package for TensErLEED (ViPErLEED) which provides a
truly all-in-one package for LEED I(V). ViPErLEED includes a freely
available design for electronics that enable upgrading existing LEED
setups for LEED I(V') use. With sophisticated image acquisition and
processing methods, as well as an automated spot-tracking tool for
curve extraction, we greatly simplify the most tedious parts of the
experiment. For the calculation of intensities, the package includes
a user-friendly front-end and an extensive overhaul to the established
TensErLEED package that only requires a few standardized input files.
We further describe automated symmetry detection, improvements to
the structure search algorithm, and a Python API.

O 63.7 Thu 12:15 H6
On-surface GNR fabrication via electrospray deposition of

monomers and polymers from solution — eFELIX BaIER!,

CuristorH DoBNER!, MICHAEL BECKSTEIN!, MAMUN SARKERZ,
ALEXANDER SINITsKII?, and AXEL ENDERs! — ! Universitat Bayreuth

— 2University of Nebraska - Lincoln, USA

Strategies for depositing large organic molecules such as proteins, DNA
or graphene nanoribbons (GNRs) are urgently needed because the con-
ventional method of evaporation is impossible due to the size of the
molecules. GNRs prepared in solution are of particular interest be-
cause they are longer compared to those synthesized on the surface
and can be produced in large quantities. Since GNRs form crystal-
lites, they cannot be brought onto the surface by direct contact print-
ing and characterized using STM. Therefore, a new electrospray setup
was developed for the deposition of GNR precursor molecules, large
precursor polymers, and GNR from a solution. The instrument con-
sists of a heatable stainless steel capillary to which a high voltage in
the range -8 to 8 kV, with respect to the sample can be applied. The
assembly is placed in a glovebox which ensures the cleanliness of the
working process. The characterization of the deposits was done with
STM under ultra high vacuum after sample transfer. The deposition of
TPTP monomers from solution onto Au(111) brought comparable re-
sults as other, established approaches were cGNR were formed after di-
rect contact printing in UHV. Larger polymers were also deposited and
completely cyclized on the surface after deposition, forming promising
GNRs that have not been studied anywhere before.
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O 64: Gerhard Ertl Young Investigator Award

Time: Thursday 10:30-13:00

O 64.1 Thu 10:30 S051
Gold-colored metallic water solution — eTILLMANN
BuTTERSACK!, PuiLip Mason?, CHRISTIAN ScHEWE?, RvyaN

McMULLEN®, FLorIAN TRINTERD'?, DANIEL NEUMARK®, STEPHAN
TuorMER®, RoBerr SemEeL’, BernD WINTER!, STEPHEN
BraprorTH®, and Paven JunewirTH? — !Fritz-Haber-Institute,
Berlin, GER — 2Czech Academy of Sciences, Prague, CZ — 3U
Southern California, Los Angeles, USA — 4DESY, Hamburg, GER —

5UC Berkeley, USA — %Kyoto U, JP — "BESSY, Berlin, GER

Whereas tap water and common aqueous solutions conduct some elec-
tricity, pure water is an almost perfect insulator. The required pres-
sures to transform water into a metallic state will not be achievable on
Earth. Liquid Ammonia undergoes a gradual phase transition from a
blue electrolyte solution to a bronze-colored metallic solution if the con-
centration of solvated alkali metal is enhanced. Water and alkali metals
react vigorous, as the valence electrons of the alkali metal are trans-
ferred to the aqueous solution almost instantly, leading to a Coulomb
explosion. Here, we demonstrate, that water from the gas phase ad-
sorbs onto the surface of sodium-potassium alloy droplet leading to the
formation of a thin shiny and golden layer. Characterization of the lig-
uid with photoelectron and UV /Vis spectroscopy revealed a plasmon
energy of 2.7 eV and signatures of liquid water. These observations
are spectroscopic evidence for an aqueous solution with metallic prop-
erties. Its plasmon frequency is in the visible region of the spectrum
and thus is the reason for the fascinating golden color.

O 64.2 Thu 11:00 S051
Standing molecules for quantum sensing — eTANER EsarT —
Peter Griinberg Institute (PGI 3), Forschungszentrum Jiilich, 52425
Jiilich, Germany — Jiilich Aachen Research Alliance (JARA), Funda-
mentals of Future Information Technology, 52425 Jiilich, Germany

Artificial nanostructures, fabricated by placing building blocks like
atoms and molecules in well-defined positions, are an almost universal
playground where quantum effects can be studied and exploited on the
atomic scale. In my talk, I will show that the manipulation capabili-
ties of a scanning tunneling microscope (STM) allow the fabrication of
metastable structures which do not form spontaneously in nature and
that these structures offer attractive functionalities for quantum infor-
mation and sensing. Specifically, I will demonstrate that a large planar
aromatic molecule can be lifted into an upright standing geometry on
a pedestal of two metal adatoms using the STM tip. This atypical and
surprisingly stable upright orientation of the single molecule enables
the system to function as a quantum dot and a coherent single-electron
field emitter. Utilizing a novel homebuilt STM that uses adiabatic de-
magnetization refrigeration (ADR) to reach millikelvin temperatures,
I will show that the standing molecule is weakly coupled to the surface
and that it exhibits spin-flip excitations corresponding to a spin-1/2
system. If the standing molecule is fabricated on the tip, it can be
used for the measurement of surface potentials and magnetic fields on
the atomic scale at the same time - possibly even as an electron spin
resonance sensor on the tip.

0O 64.3 Thu 11:30 S051
On-surface synthesis and characterization of cyclo[18]carbon
— eKaTHARINA KaIsErR!, LorREL ScrivEN?, FABIAN ScHuULZ!, PRZE-
MysLaw GaweL?2, LEo Gross!, and HARRY ANDERsONZ — 1IBM Re-
search - Zurich, Saumerstrasse 4, 8803 Riischlikon, CH — ?Department

of Chemistry, Oxford University, Chemistry Research Laboratory, Ox-
ford, OX13TA, UK

Cyclo[n]carbons, purely sp-hybridized carbon allotropes with unique
structural and electronic properties, have been predicted for decades to
exist. Although a synthetic route was already elaborated in the 1980’s,
and glimpses of cyclocarbons were detected in gas phase, they could
never be stabilized long enough for characterization. A distinctive
feature of cyclo[n|carbons is their two conjugated m-systems that can
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lead to the formation of two orthogonal ring currents and so-called
double-aromatic stabilization. However, distortions in the geometry
can lead to a lowering in ground state energy, and theoretically pre-
dicted ground state structures were found to depend on the level of
theory. Consequently, cyclo[n]carbon’s structures remained unknown.

AFM and STM at low temperatures allow triggering certain on-
surface chemical reactions by atom manipulation and can thus facil-
itate the controlled formation of highly reactive molecules on inert
surfaces from more stable precursors. Using this approach, we formed
cyclo[18|carbon on a thin layer of NaCl. By comparing high-resolution
AFM images with a functionalized tip and AFM simulations of differ-
ent predicted resonance structures, we identified two possible ground
state structures of cyclo[18]carbon adsorbed on bilayer NaCl.

O 64.4 Thu 12:00 S051
Correlative in situ microscopy of hydrogen oxidation on
rhodium: from the meso- to the nanoscale — eJOHANNES
ZEININGER — Institute of Materials Chemistry, TU Wien, Getreide-
markt 9, 1060 Vienna, Austria

Catalytic surface reactions, such as CO oxidation, may produce a va-
riety of spatio-temporal effects on the catalyst surface. To reveal the
mechanisms behind such spatio-temporal effects, it is advantageous to
apply multiple techniques to the same samples, particularly at different
length scales. In other research areas than catalysis this idea has led
to the correlative microscopy approach. In catalysis, this approach is,
if at all, used for sample characterization, often in two separate setups.
In the present contribution, the correlative microscopy approach has
been applied in situ to the catalytic hydrogen oxidation on rhodium to
reveal the mechanism of multifrequential kinetic oscillations, a novel
effect recently detected in this reaction. Such oscillations were first ob-
served on a polycrystalline Rh foil, where the reaction oscillated in a
self-sustained way between the states of high and low activity (a known
behavior), but with different frequencies on adjacent domains (a new
and unexpected behavior). Later on, such an effect was also observed
on the nanofacets of a Rh tip modeling a single catalytic particle. Such
behavior contradicts previous observations and expectations based on
the known spatial coupling mechanisms and was never observed before,
for any surface reaction.

O 64.5 Thu 12:30 S051
Efficient electronic passivation schemes for surface calcula-
tions of semiconductors exhibiting spontaneous polarization:
Thermodynamic and electronic properties of GaN surfaces —
eSUu-HyuN Yoo!, Mira Toporoval, Liverios LympERAKIS!, CHRIS
VAN pE WALLE?, and JORG NEUGEBAUER! — !Department of Com-
putational Materials Design, MPI fiir Eisenforschung, Germany —
2Computational Materials Group, Materials Department, UCSB, USA

Semiconductor surfaces play a central role in modern technology re-
lated to catalysis, electronics, and energy applications. The most
widespread approach to study surfaces with density-functional theory
calculations is to use slab geometries with periodic boundary condi-
tions. A common strategy employed to avoid artificial charge transfer
from one side of the slab to another, is to passivate the dangling bonds
at its backside. Using the examples of wurtzite polar and semipo-
lar surfaces, we demonstrate that the conventional passivation scheme
using pseudo-H atoms fails to describe the electronic structure of low-
symmetry semiconductors. We therefore developed an improved pas-
sivation method [npj Comp. Mater. 7, 58, 2021 /PR Mater. 5, 044605,
2021] that takes the polarization effect and the concept of surface re-
constructions into account. It accurately describes surface electronic
properties and enables computationally efficient surface energy calcu-
lations. Using this novel approach we have studied the orientation-
dependent thermodynamic stability and electronic properties of GaN
surfaces. The resulting Wulff shape provides insight of how to avoid
facet-related defects such as V-pits hampering GaN-based electronics.
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O 65: 2D Materials 2: Growth, Structure and Substrate Interaction

Time: Thursday 10:30-12:30

0O 65.1 Thu 10:30 S052
Segregation-enhanced epitaxy of borophene on Ir(111) by
thermal decomposition of borazine — eKarmm Omampac!,
Marko KriecerL!, MarIN PeTrovicl2, PaANTELIS BampouLis?,
CHRISTIAN BraND!, PascaL DreHEr!, Davip Janoscukal, UL-
ricH HacEMANN3, NiLs HARTMANN®, PuiLiPP VALERIUS?, THOMAS
MicHELY?, FrRANK-J. MEYER zU HERINGDORF!3, and MICHAEL
HORN-vON HorGeN! — !Universitit Duisburg-Essen, Germany —
Institute of Physics, 10000 Zagreb, Croatia — 3Interdisciplinary Cen-
ter for the Analytics on the Nanoscale, Germany — 4Universitit zu

Koln, Germany

While borophene is typically prepared by molecular beam epitaxy [1],
we report here on an alternative way of synthesizing large single-phase
borophene domains by segregation enhanced epitaxy. X-ray photoelec-
tron spectroscopy shows that borazine dosing at 1100°C onto Ir(111)
yields a boron-rich surface without traces of nitrogen. At high temper-
atures the borazine thermally decomposes, nitrogen desorbs, and boron
diffuses into the substrate. Using time-of-flight secondary ion mass
spectroscopy we show that during cooldown the sub-surface boron seg-
regates back to the surface where it forms borophene. In this case elec-
tron diffraction reveals a (6x2) reconstructed borophene x6-polymorph
[1], and scanning tunneling spectroscopy suggests a Dirac-like behav-
ior. Studying the kinetics of borophene formation in low energy elec-
tron microscopy shows elongated and extended borophene domains
with exceptional structural order. [1] ACS Nano 13 (12), 14511-14518
(2019).

0 65.2 Thu 10:45 S052

Investigation of sub-monolayer Sn phases on Au(111)
— eJuLiaN ANDREAs HocruAUsD2, Lukas Kgesper!2, STE-
1 1,2 1,2

FANIE HiLGgers®, ULF BERGEs"“, and CARSTEN WESTPHAL
ITechnische Universitdt Dortmund, Fakultit Physik, Otto-Hahn-Str.
4, D-44227, Dortmund, Germany — 2DELTA, TU Dortmund, Maria-
Goeppert-Mayer-Str. 2, D-44227, Dortmund, Germany

In this study we investigate the temperature and layer thickness de-
pendence of sub-monolayer phases of Sn on Au(111).

Stanene, the two-dimensional graphene analog of tin, is predicted to
exhibit similar exceptional electronic properties. Since tin is one of
the heavier elements in the carbon group, stanene exhibits topological
properties even at RT due to its strong spin-orbit coupling. There-
fore, stanene is a promising material for application in future two-
dimensional topological devices.

Since the surface and interface structure of low-dimensional materi-
als often influences their electronic properties, we focus on the struc-
tural and chemical analysis of the Sn/Au interface.

Here, we report a structural and chemical investigation of different
sub-monolayer Sn phases on Au(111) by means of low energy electron
diffraction (LEED) and photoelectron spectroscopy (XPS). Tin layers
of different thicknesses were deposited gradually on the Au(111) sur-
face by physical vapor deposition and subsequently heated. A strong
dependence of the structural and chemical configuration of the tin
atoms on the layer thickness and the post-deposition annealing tem-
perature was observed.

O 65.3 Thu 11:00 S052
On the transition from MoS:2 single-layer to bilayer
growth on the Au(111) surface — eMoriTz EwEerr!, LARS
Buss!, Francesca Genuzio®, TEvFiIKk ONUR MENTES®, ANDREA
LocatiLLi®, JENs Farra?, and JAN INco FLEGE! — ! Applied Physics
and Semiconductor Spectroscopy, Brandenburg University of Tech-
nology Cottbus-Senftenberg, Germany — 2Institute of Solid State
Physics, University of Bremen, Germany — 3Elettra-Sincrotrone Tri-
este S.C.p.A., Basovizza, Trieste, Italy

MoS3 is well known for changing from an indirect to a direct band-
gap semiconductor as a single layer. Here, for the model system
MoS2/Au(111), we present in-situ studies of the continued growth of
micron-size single-layer MoSs islands including the first formation of
bilayer patches.

We have used angle-resolved photoemission spectroscopy from mi-
crometer sized regions to investigate the local band structure of the
islands’ rims and centers, showing a prevalence for bilayer and single-
layer formation at the rims and centers, respectively. The bilayer
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patches can clearly be identified locally on the few nanometer scale
employing intensity-voltage low-energy electron microscopy as a fin-
gerprinting method. Astonishingly, micro-spot low-energy electron
diffraction hints toward the nucleation of the second layer of the MoS2
between the single layer MoS2 and the Au(111) substrate when the
step bunches formed by the single-terrace growth mechanism become
sufficiently high.

O 65.4 Thu 11:15 S052
Structural and electronic investigations of CVD-grown
TMDs on Au(111l) — eJuLiaN Picker!, MaxiMILIAN ScHAALZ,
Zivanc  Gan!, Marco GRUENEWALD2, CHRISTOF NEUMANN!,
ANTONY GEORGE!, FELIX OTT02, TORSTEN FRrITZZ, and AN-
DREY TURCHANIN' — lInstitute of Physical Chemistry, Friedrich
Schiller University Jena, Lessingstrafie 10, 07743 Jena, Germany —
2Institute of Solid State Physics, Friedrich Schiller University Jena,

Helmholtzweg 5, 07743 Jena, Germany

Transition metal dichalcogenides (TMDs) are layered two-dimensional
(2D) materials which have come into the focus of research in recent
years. Especially, the exciting change of properties when going from
bulk to monolayer make them interesting for novel electronic applica-
tions. Here, we demonstrate the ez-situ growth of MoSg and MoSes
monolayers on Au(111) by chemical vapor deposition (CVD) in a
two-zone furnace. Afterwards, the samples were analyzed in ultra-
high vacuum (UHV) with the help of surface sensitive methods, in-
cluding (low-temperature) scanning tunneling microscopy and spec-
troscopy (STM/STS), low-energy electron diffraction (LEED) as well
as X-ray and angle-resolved ultra-violet photoelectron spectroscopy
(XPS/ARPES). While we could confirm the growth of high-quality
single crystalline TMDs, we also accessed the structural and electronic
properties of these samples down to the atomic scale. Finally, the im-
pact of annealing on the structure and properties of the TMDs was
studied.

0O 65.5 Thu 11:30 S052
Spectroscopic and microscopic study of carborane based 2D
materials — eMarTHA FREY!, JULIAN PIckER!, JAKUB VISNAKZ,
Curistor NEUMANN!, TomAS Base?, and ANDREY TURCHANIN! —
!Friedrich Schiller University Jena, Institute of Physical Chemistry,
Lessingstrafie 10, 07743 Jena, Germany — 2The Czech Academy of
Sciences, Institute of Inorganic Chemistry, 250 68 Husinec-Rez, c.p.
1001, Czech Republic

Carboranes are electron-delocalized molecular clusters containing
boron, carbon and hydrogen. Because of their high stability and
structural variability, they are interesting for a wide range of appli-
cations including nanoscale engineering, catalysis and boron neutron
capture therapy. Here, we present the fabrication of a novel boron-
based two-dimensional (2D) material via electron irradiation induced
cross-linking of carborane self-assembled monolayers (SAMs) on sil-
ver or gold substrates. The SAMs, the cross-linking process and the
resulting 2D nanosheets have been characterized with different com-
plementary surface sensitive techniques including X-ray photoelectron
spectroscopy (XPS), low-energy electron diffraction (LEED), scanning
tunneling microscopy (STM) and scanning electron microscopy (SEM).

0O 65.6 Thu 11:45 S052
Growth and Structural Properties of 2D Blue Phosphorene
on Au(111) and on Au(100) — eMAXIMILIAN ScHAAL!, JULIAN
Picker?, FELix OTTo!, MARCO GRUENEWALD!, RoMAN FORKER!,
and TorsTEN Fritz! — lInstitute of Solid State Physics, Friedrich
Schiller University Jena, Helmholtzweg 5, 07743 Jena, Germany —
2Institute of Physical Chemistry, Friedrich Schiller University Jena,
Lessingstrafte 10, 07743 Jena, Germany

Blue phosphorene (BlueP) is a novel two-dimensional material that
shares properties with black phosphorene and is potentially even more
interesting for optoelectronic applications because of its layer depen-
dent band gap of approx. 2 to 3 eV and superior charge carrier mo-
bility [1]. Despite these promising properties, the growth of quasi-
freestanding BlueP is still challenging.

In our contribution we will report on the structural and electronic prop-
erties of epitaxial BlueP on Au(111) and on Au(100) by means of scan-
ning tunneling [hydrogen| microscopy (ST[H|M), distortion-corrected
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low-energy electron diffraction (LEED) as well as X-ray photoelectron
spectroscopy and diffraction (XPS and XPD). It is already known that
on Au(111) a network consisting of BlueP islands, which are connected
by Au linker atoms, is formed [2]. In contrast, we demonstrate that
on Au(100) quasi-free standing BlueP domains grow [3].

[1] Z. Zhu and D. Tomének, Phys. Rev. Lett. 112, 176802 (2014).

[2] H. Tian et al., Matter 2, 111 (2020).

[3] M. Schaal, J. Phys.: Condens. Matter 33, 485002 (2021).

O 65.7 Thu 12:00 S052
How the supple Pt(110) surface paves the way to single-
domain h-BN growth. — eMarco THALER!, DoMINIK STEINER!,
FLORIAN MITTENDORFER?, and ERMINALD BeERTEL! — !Department
of Physical Chemistry, University of Innsbruck, Austria — 2Institute
of Applied Physics and Center for Computational Materials Science,

Vienna University of Technology, Austria

Its structural flexibility renders Pt(110) an extraordinary substrate for
hexagonal boron nitride (h-BN) growth. Borazine-exposure at high
temperature yields either an extended film or empty terraces depend-
ing on dosage. Annealing preadsorbed Borazine, in contrast, yields nu-
clei with a structure differing from the extended film. DFT modelling
of the latter was carried out by starting with a stretched film, which
ruptured upon relaxation into smaller h-BN islands. The Pt surface
layer below them is severely disordered. Only after high-T anneal-
ing the islands relaxe into the final h-BN/Pt(110)-(1xn) missing-row
configuration. Thus, this non-classical, two-step nucleation proceeds
via a metastable transition structure. Under the conditions of high-T
exposure the metastable nuclei are continuously dissolved by desorp-
tion and H-induced etching. Stochastic formation of a critical island
size with the more stable (1xn)m.r. structure requires a high super-
saturation, but once formed, such an island grows explosively into an

O 66: Oxide
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Topical Talk 0 66.1 Thu 10:30 S053
Charge-ordered states on incipient ferroelectric polar sur-
faces — eCESARE FRANCHINI — University of Vienna — University
of Bologna

The precise atomic-scale knowledge of surface properties is mandatory
for interpreting experimental data, optimizing (photo)catalytic pro-
cesses, or predicting novel electronic phases. This is particularly chal-
lenging for perovskite materials, which typically show a variety of sur-
face structural reconstructions that prevent a generally valid and trans-
ferable understanding of surface properties. However, recent experi-
ments have shown that a novel cleavage protocol based on controlled
exploitation of ferroelectric instabilities can generate well-defined bulk-
terminated (001) surfaces, paving the way for a precise characteriza-
tion of the surface electronic structure. This talk shall report first
principles electronic structure calculations on polar KTaO3(001), fo-
cusing on the dichotomy between charge localized/delocalized phases
and their impact on surface reactivity. Our data, supported by ex-
perimental observations, show that polarity-induced uncompensated
carriers in KTaO3(001) exhibit charged-order patterns rather than
common 2DEGs, manifested by charge-density wave and (bi)polaron
states. Eventually, the trapped charge suppresses ferroelectric surface
distortions, resulting in a binary CO adsorption process.

[1] M. Setvin et al. Science 359, 572 (2018). [2] M. Reticcioli et al.,
Nat. Comm. (2022). [3] Z. Wang et al., Sc. Adv. (2022).

0 66.2 Thu 11:00 S053
Surface phonons and their coupling to the 2D electron liquid
at the CTO/STO surface — oM. DorTLING!, E. B. GUEDES?3,
T. P. van Waas®2, S. PonceE®®, M. CapuTo36, N. C. PLums2,
N. Marzari®, C. Berraon?, M. Rapovié?, J. H. Di3:2, and K.
ZAKERI! — 1PHI, Karlsruhe Institute of Technology — 2PSD, PSI —
3IPHYS, EPF Lausanne — “4IMCN, UC Louvain — °THEOS, EPF
Lausanne — SElettra, Trieste — “DQMP, University of Geneva

Motivated by the recent discovery of a 2D electron liquid (2DEL)
formed at the surface of CaTiOs3/SrTiO3(001) heterostructure, we
probed the phonon spectrum of the system by means of high-resolution
electron energy-loss spectroscopy (HREELS). Our main aim was to ad-
dress any possible interaction of 2DEL with phonons.
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extended film. Hence, single-domain growth of h-BN on Pt(110) dif-
fers significantly from that on vicinal Cu(110), where (1-12) step edges
act as nucleation sites giving rise to uniform nuclei capable of seamless
coalescence.

O 65.8 Thu 12:15 S052
Development of strain- and gate-controllable STM sample
holder — oJz-Yuan Juo!, Bone Gyu Suin!, Soon Jung Juncgl,
and Krauvs Kernb2 — 'Max-Planck-Institut fiir Festkorperforschung,
Heisenbergstrafe 1, DE-70569 Stuttgart, Germany — 2Institut de
Physique, Ecole Polytechnique Fédérale de Lausanne, CH-1015 Lau-
sanne, Switzerland

An atomic-scale understanding of strain effects on electronic proper-
ties is essential for implementing two-dimensional materials into flexi-
ble electronics. The scanning tunneling microscopy (STM) is an ideal
method to advance this understanding. However, the combination of
STM and strain-controllable devices remains challenging due to the
high demand for compatibilities with limited STM space, ultrahigh
vacuum, and mechanical stability. We have developed an indentation-
based sample holder for STM measurements. A gearbox and a piezo
stack were used to control the distance between the indentor and 2D
materials transferred on the suspended polyimide. The gearbox has a
travel range of ~120 pum and precision of ~1.4 pm; the piezo stack has
a travel range of ~1.8 pm and precision of <1 nm. The combination
of gearbox and piezo stack allowed us to tune the distance between
indentor and sample continuously with nanometer precision, charac-
terized by atomic force microscopy. Raman spectroscopy was used to
measure strain distribution in monolayer MoS2 at the indented area.
The strain controllability is characterized by calculating graphene lat-
tice constant changes in STM atomic-resolution images. Spectroscopic
studies confirm the gate tunability by observing Dirac point shifts.

Surfaces 2

Location: S053

The HREELS measurements revealed the existence of the Fuchs-
Kliewer (FK) phonon modes at the energies of 20, 60 and 93 meV. In-
terestingly, the Eliashberg-function o?F(w) constructed based on the
quasiparticle band dispersion, probed by angle-resolved photoemission
experiments, exhibits peaks at energies of 20, 60 and 80 meV.

The apparent redshift of the highest energy peak in a?F(w), com-
pared to the 93 meV FK mode, can be attributed to the formation
of band-gap states (BGS). Such states form upon photon irradiation
at the same time as 2DEL is formed. This is shown by the simulated
HREEL spectra including BGS. Our results demonstrate the impor-
tance of BGS and the necessity of their consideration in describing the
properties of oxide heterostructures. Supported by DFG via Heisen-
berg Programme ZA 902/3-1, ZA 902/6-1 and ZA 902/5-1.

0 66.3 Thu 11:15 S053
Reversible switching of the 2D electron gas of SrTiO3(001)
studied by HREELS — eHANNES HERRMANN, FLORIAN ScHU-
MANN, and WorLF WIDDRA — Martin-Luther-Universitat Halle-
Wittenberg, Institute of Physics, 06120 Halle, Germany

The formation of a 2D electron gas (2DEG) gained high interest in
surface science as it became accessible under oxygen-poor conditions
at the TiOz-terminated SrTiO3(001) surface [1]. In this work, we
follow the 2DEG formation by studying the SrTiOs surface plasmon
polaritions (SPP) by high-resolution electron energy loss spectroscopy
(HREELS). The coupling of the SPP to the 2DEG leads to an asym-
metric SPP line shape with extreme broadening. This strong electron-
phonon coupling allows to quantify the 2DEG charge carrier density
and is used to follow the reversible formation of the 2DEG by heating
in UHV/Og2 atmosphere or by adsorbing molecular oxygen at 100 K.
The dielectric response will be discussed in terms of a two-layer model
with a surface 2DEG which is modelled using a Drude-like response
with a strongly frequency-dependent electronic mobility.

[1] A. F. Santander-Syro, O. Copie, A. Barthelemy, and M. J. Rozen-
berg, Nature 469, 189 (2011).

0 66.4 Thu 11:30 S053

Structure determination of a dodecagonal oxide quasicrystal
— @SEBASTIAN SCHENK!, OLIVER KRAHN!, HOLGER L. MEYERHEIM?,

Marc D Boissieu®?, STEFAN FORSTER!, and WoLr Wippral
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Hnstitute of Physics, Martin-Luther-Universitat Halle-Wittenberg,
06120 Halle, Germany — 2Max-Planck-Institut fiir Mikrostruktur-
physik, 06120 Halle, Germany — 3Universite Grenoble Alpes, CNRS,
SIMaP, St Martin d Heres, France

The dodecagonal symmetry and the general tiling motive of oxide qua-
sicrystals (OQC) have been proven by electron diffraction (LEED)
and scanning tunneling microscopy (STM) from their first observa-
tions [1,2]. However, the detailed atomic structure, which includes the
decoration of individual tiling elements with metal and oxygen atoms,
has been under debate for more than eight years.

In this talk we solve the atomic structure by combination of STM
and surface x-ray diffraction (SXRD) of a quasicrystal approximant,
which is derived from an ultrathin layer of SrTiO3 on Pt(111). The
derived structure model can be generalized for all related ternary ox-
ide quasicrystals and their approximants. The measured diffraction
intensities will be compared with calculated ones by lifting the atomic
structure of the OQC into its four-dimensional periodic superlattice.
These intensities will be compared to SXRD data obtained in syn-
chrotron measurements.

[1] S. Forster et. al., Nature 502, 215 (2013).
[2] S. Schenk et. al., J. Phys.: Condens. Matter 29, 134002 (2017).

0 66.5 Thu 11:45 S053
Structural analysis of complex 2D Sr-Ti-O/Pd(111) films. —
eMARTIN HALLER, SEBASTIAN SCHENK, STEFAN FORSTER, and WoOLF
WipbrA — Martin-Luther-Universitat Halle-Wittenberg, Institute of
Physics, Von-Danckelmann-Platz 3, 06120 Halle, Germany

In 2013 the first 2D oxide quasicrystal (OQC) in thin Ba-Ti-O/Pt(111)
films with astonishing structural properties has been discovered [1]. It
features a twelvefold rotational symmetry that is incompatible with
lattice periodicity. Instead, it is described with a self-similar qua-
sicrystalline structure that involves squares, triangles and rhombuses.
In the wake of this discovery combinations of ternary oxide layers and
different hexagonal substrates have been investigated to study the epi-
taxial preconditions for the formation of the OQC. In this contribution,
we present a structural analysis for Sr-Ti-O on Pd(111). Globally, as
seen from LEED, it forms a periodic structure with unit cell param-
eters a = 1.32 nm, b = 2.96 nm and o = 93.43°. However, locally
a second phase has been identified in atomically-resolved STM data
with twelvefold symmetric FFT and long range coherence in the 2D
auto-correlation image. The analysis of the tiling statistics reveals a
triangle:square:rhomb ratio of 2.84:1:0.39 which deviates slightly from
the ideal OQC’s ratio of 2.73:1:0.37 [2]. The given structure is dis-
cussed in terms of a disordered OQC which is further supported by a
4D hyperspace analyis.

[1] S. Forster et al., Nature 502, 215 (2013)

[2] S. Schenk et al., J. Phys. Condens. Matter, 29 (2017)

0 66.6 Thu 12:00 S053
Transformation from honeycomb binary oxide to quasicrys-
talline ternary oxide — eLor V. TRrRAN, STEFAN FORSTER, and
WoLr Wipbpra — Institute of Physics, Martin-Luther-University
Halle-Wittenberg, Halle, Germany

Oxide quasicrystals (OQCs) are examples of aperiodically-ordered 2D
materials. They have been found for 2D layers derived from BaTiO3
on Pt(111) [1]. Their dodecagonal structure results from Ba decora-
tion of a Ti,On network where n = 4 (decorated with no Ba atom),
7 (decorated with one Ba atom) and 10 (decorated with two Ba and
two addional O atoms). In contrast, periodic Ti2Oz honeycomb struc-
tures with TigOg rings are well known in literature [2,3]. Here, we
report on the transition of such honeycomb TizO3 structures to do-
decagonal OQCs by adsorption of Ba and subsequent annealing. The
structural transition is monitored with LEED and workfunction mea-
surements. Upon room temperature Ba deposition, TiaO3z honeycomb
structure remains and TigOg rings are decorated with Ba, reducing
the workfunction from 5.12 to 2.97 eV. Annealing to 873 K in oxygen
converts the honeycomb structure into a dodecagonal OQC, for which
the workfunction increases to 3.85 eV. The workfunction changes as-
sociated with the transformation will be discussed in context of the
height differences of Ba ions above the surface and the resulting dipole
strength.

0 66.7 Thu 12:15 S053
Barium decorated Ti2Os monolayers: a case study for
Pd(111) substrates — eFRIEDERIKE WUHRL, SEBASTIAN SCHENK,
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OLIvER KRAHN, STEFAN FORSTER, and WoLF WIDDRA — Institute
of Physics, Martin-Luther-Universitdt Halle-Wittenberg, 06120 Halle,
Germany

Oxides at the two-dimensional limit show a high flexibility in their
structural properties ranging from hexagonal honeycomb structures to
dodecagonal oxide quasicrystals (OQC) [1]. Recent work based on
STM, surface x-ray diffraction (SXRD) and DFT calculations con-
firmed a structure model for oxide quasicrystals that explains this
extraordinary structure as an aperiodically ordered TizO3 network
with rings of different sizes on the metal support Pt(111), in which
the largest rings are decorated with Ba ions [2]. The Ba ions form a
self-similar tiling, which can be described through triangles, squares
and rhombuses. In this contribution we report on a sequence of long-
range ordered structures observed in BaxTi2 O3y on Pd(111) that are
closely related to the OQC. We present a series of structures rang-
ing from a Bag. eTi2O3 to a BaTiz2Os3 5 stoichometry. By varying
the Ba content, we observe a transition from a triangle-square tiling
via triangle-square-rhombus tilings to one consisting of triangles and
rhombuses only [3]. It will be discussed how the Ba density sets the
ratio of four to seven to ten membered rings in the TiaO3 backbone.

[1] S. Forster et al., Nature 502, 215 (2013).

[2] E. Cockayne et al., Phys. Rev. B 93, 020101(R) (2016).

[2] F. E. Wiihrl et al., Phys. Status Solidi B, 2100389 (2021).

0 66.8 Thu 12:30 S053

The (2x1) reconstruction of calcite(104) — Jonas
HecGEMANNY, YasHasvi RanawaT?, ONDREJ KREJCIZ, ADpAM S.
Foster?, and ePHuiLipp Rane! — lFachbereich Physik, Univer-

sitdt Osnabriick, Barbarastrafe 7, 49076 Osnabriick, Germany —
2Department of Applied Physics, Aalto University, Helsinki FI-00076,
Finland

Calcite is an abundant material in the Earth’s crust, a central con-
stituent of biominerals in living organisms [1], and currently investi-
gated as a capture material for CO2 [2]. Despite intensive studies,
however, there is still serious ambiguity regarding the properties of
this surface due to conflictive conclusions for the so-called row-pairing
[3] and (2x1) reconstruction [4].

Here, we use a combination of non-contact atomic force microcopy
(NC-AFM) with CO-functionalized tips at 5K, density functional the-
ory with state-of-the-art dispersion corrections, and NC-AFM image
simulations to clarify the microscopic geometry of calcite(104). A (2x1)
reconstruction and a glide plane symmetry is consistently found in the
NC-AFM data and DFT results. Most importantly, we identify two
different adsorption positions for CO molecules within the (2x1) unit
cell. These findings are most critical for future studies where processes
on calcite(104)-(2x1) are influenced by the surface geometry.

[1] L. Addadi, S. Weiner, Angew. Chem. Int. Ed. Engl. 31, 153
(1992). 2] P. A. E. Pogge von Strandmann, et al., Nat. Commun. 10,
1983 (2019). [3] A. L. Rachlin, et al., Am. Mineral. 77, 904 (1992).
[4] S. L. S. Stipp, et al., Geochim. Cosmochim. Acta 58, 3023 (1994).

0 66.9 Thu 12:45 S053
Growth of ultra thin EuxOy films on Pt(001): A HREELS,
XPS and LEED study — eANNE OELSCHLAGER, HANNEs HER-
RMANN, STEFAN FORSTER, and WoLF WIDDRA — Martin-Luther-
Universitat Halle-Wittenberg, Institut of Physics, 06120 Halle, Ger-
many

The gradually decreasing ionic radii along the series of lanthanides al-
low an exceptional fine tuning of lattice parameters, which makes this
material class interesting for applications in epitaxial growth. In this
contribution we report on the growth of thin EuxOy films on Pt(001)
and characterize the thin film oxidation upon annealing in various en-
vironments.

A 0.8 nm thin Eu layer has been deposited onto Pt(001) at room
temperature in UHV conditions at a background pressure below
3-10710 mbar. By monitoring the surface phonons with HREELS
and the valence state of Eu with XPS a continuous oxidation of Eu at
room temperature by water from the residual gas as well as by molec-
ular oxygen is observed as a transition from metallic Eu to EuzOs.
The transition to Eu?t can be followed by increasing (decreasing) in-
tensities for the surface phonon polariton at 364 cm™! (525 cm™1) in
HREELS and the high binding energy component of the Eu3d core
level at 1135 €V (1125 eV) in XPS. The long-range order starts to
develop in the 0.8 nm thin layer upon annealing to 1000 K. LEED
exhibits a complex twelve-fold diffraction pattern.
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O 67: Frontiers of Electronic Structure Theory: Focus on Artificial Intelligence Applied to Real
Materials 3

Time: Thursday 10:30-12:45

O 67.1 Thu 10:30 S054
Quantile Random Forest Model for Extrapolation to the
Complete Basis Set Limit in Density Functional Theory
Calculations — eDANIEL SPECKHARD!, CHRISTIAN CARBOGNOZ,
SveEN LuBEck?, Luca GHIRINGHELLI?, MATTHIAS SCHEFFLER?'!, and
Craupia Draxrb2 — 1Humboldt-Universitat zu Berlin, Physics De-
partment and IRIS Adlershof, Berlin, Germany — 2The NOMAD Lab-
oratory at the FHI-MPG and HU, Berlin, Germany

The precision of density-functional theory (DFT) calculations depends
on a variety of computational parameters, the most critical being the
basis-set size. With an infinitely large basis set, i.e., in the limit of
a complete basis set (CBS), the result of the calculation is as precise
as possible for the chosen exchange-correlation functional. Our aim
in this work is to find a model that can extrapolate the result of an
imprecise DFT calculation to the CBS limit. As a starting point, we
use a dataset of 63 binary solids investigated with various basis-set
sizes [1] with two all-electron DFT codes, exciting and FHI-aims,
which use very different types of basis sets. A quantile random forest
model is used to estimate the deviation of the total energy with respect
to fully converged calculations as a function of the basis set size. The
non-linear random forest model outperforms a previous approach that
used a linear model. The quantile random forest model presented also
provides prediction intervals which give the user an idea of the model’s
uncertainty.

[1] C. Carbogno et al., npj Comput. Mater. 8, 69 (2022).

O 67.2 Thu 10:45 S054
Symmetry and completeness in machine-learning models for
atomistic simulations — eSERGEY PozpNyakov and MicHELE CE-
rioTTI — EPFL, Switzerland

During the last decade, machine learning methods have drastically
changed atomistic simulations. On the one hand, they scale linearly
with the size of the system and thus, are significantly faster than the
quantum mechanical calculations. On the other, they provide a func-
tional form that is much more flexible than so-called classical force
fields such as the Lennard Jones potential or embedded atom models.
From one point of view, incorporating rotational symmetry is impor-
tant for ML since it can make models more data-efficient and robust,
but can also lead to incompleteness, limiting the ultimate accuracy of
the model. T will discuss some examples of this and compare different
types of models to show how one can find an optimal balance of the
two effects.

0 67.3 Thu 11:00 S054
Fast, robust, interpretable machine-learning potentials —
StepHEN R. Xiel2, Ricaarp G. Hennic!, and eMaTTHiAS Rupp3
— University of Florida, Gainsville, USA — 2KBR, NASA Ames
Research Center, Mountain View, USA — 3University of Konstanz,
Germany

Machine-learning potentials (MLPs) are increasingly successful in all-
atom dynamics simulations where they act as surrogate models for
ab-initio electronic structure methods. MLPs often result in two to
three orders of magnitude improvements in the number of simulated
atoms or duration of simulated time, enabling new insights and ap-
plications. Current limitations include data inefficiency, instabilities
("holes" in high-dimensional MLPs [2]), and lack of interpretability.

To address this challenge, we combine effective two- and three-body
potentials in a cubic B-spline basis with second order-regularized lin-
ear regression. The resulting "ultra-fast potentials" are data-efficient,
physically interpretable, sufficiently accurate for applications, can be
parametrized automatically, and are as fast as the fastest traditional
empirical potentials. [1] We demonstrate these qualities in retrospec-
tive benchmarks and present the prediction of thermal conductivities
via the Green-Kubo formalism as a first application.

[1] Stephen R. Xie, Matthias Rupp, Richard G. Hennig, Ultra-fast
interpretable machine-learning potentials. arXiv:2110.00624, 2021 [2]
Jeffrey Li, Chen Qu, Joel M. Bowman: Diffusion Monte Carlo with
fictitious masses finds holes in potential energy surfaces, Mol. Phys.
119(17-18): 1976426, 2021.

O 67.4 Thu 11:15 S054
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Improving the transferability of high-dimensional neural net-
work potentials by low-order terms — eALEA Miako TokiTa
and JOrRG BEHLER — Georg-August-Universitat Gottingen, Institut
fir Physikalische Chemie, Theoretische Chemie, Tammannstrafie 6,
37077 Gottingen, Germany

High-dimensional neural network potentials (HDNNPs) are able to
provide accurate potential energy surfaces suitable for atomistic simu-
lations of large systems. The key to this accuracy is the high flexibil-
ity of the atomic neural networks allowing to reproduce energies and
forces from reference electronic structure calculations with very small
errors. At the same time, this flexibility is limiting the transferability
of HDNNPs to atomic configurations that are very different from the
reference geometries. Here, we investigate possible improvements in
transferability of HDNNPs by the explicit inclusion of low-order terms
in the functional form of the potential. The performance is demon-
strated for a series of molecular model systems.

0 67.5 Thu 11:30 S054
Predicting condensed-phase electron densities using machine
learning — e ALAN LEwis!, ANDREA GRISAFI?, MICHELE CERIOTTIZ,
and MARrIaNA Rossi! — 'MPI for Structure and Dynamics of Mate-
rials, Hamburg, Germany — 2Ecole Polytéchnique Fédérale de Lau-

sanne, Lausanne, Switzerland

The electron density is a fundamental quantity for understanding phys-
ical phenomena in materials, and is central to electronic structure the-
ories such as density-functional theory. We present the SALTED ma-
chine learning method and demonstrate its ability to learn and predict
the electronic densities of a range of materials from simple liquids
and metals to hybrid organic-inorganic perovskites. This extends the
framework presented in ACS Cent. Sci. 5, 57, 2019 to work with pe-
riodic boundary conditions and uses a resolution of the identity on a
numeric atom-centered orbital basis to expand the all-electron periodic
density. A Gaussian process regression model that makes use of local
symmetry-adapted representations of the atomic structure is employed,
making our method both data-efficient and highly transferable.[1] We
also compare various methods of dealing with the non-orthogonality of
the basis, accounting for correlations between pairs of off-centered den-
sity components, finding that the best compromise between accuracy
and computational efficiency comes from approximating the density
expansion coefficients by directly minimizing the loss function. The
total energies derived from the densities obtained in this way present
errors with respect to DFT of just 0.1 meV /atom.
[1] Lewis, Grisafi, Ceriotti, Rossi, JCTC 17, 11, 7203 (2021)

O 67.6 Thu 11:45 S054
Equivariant N-center representations for machine learning
molecular Hamiltonians — eJicvasa Nigam, MicHAEL WILLATT,
and MicHELE CER1OTTI — Laboratory of Computational Science and
Modeling, Institute of Materials, Ecole Polytechnique Federale de Lau-
sanne, 1015 Lausanne, Switzerland

Most of the widely used machine learning schemes that have been suc-
cessful in predicting chemical and material properties rely on concise,
symmetry-adapted descriptions of the underlying atomic structure. A
class of these structural descriptions is built on hierarchical correla-
tions of atom-centered densities(ACDC)[1]. These are subsequently
used to model corresponding atomic properties or atomic contributions
to a global observable. However, many quantum mechanical quanti-
ties, such as the effective single-particle Hamiltonian written on an
atomic-orbital basis, are associated with multiple atom-centers. This
effectively renders ACDCs inadequate to describe the additional de-
grees of freedom of such multicenter properties. We recently proposed
an N-centered representation|2] that extends the ACDC framework
to the case of targets that are simultaneously indexed by N atoms.
I will demonstrate how devising a family of N-center representations
opens avenues for new classes of machine learning models that are fully
equivariant and describe their role in assisting electronic structure cal-
culations.

[1] J. Nigam, S. Pozdnyakov, M. Ceriotti, JCP 153,121101, 2020

[2] J. Nigam, M. Willatt, M. Ceriotti, JCP 156, 014115, 2022

O 67.7 Thu 12:00 S054
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Similarity-of-materials analysis for reusability and interoper-
ability of data in materials databases — eSimMoN GaBAJ, MARTIN
KuBan, SanTiaco RicamonTi, and Craupia DraxrL — Humboldt-
Universitdt zu Berlin, Zum Grofsen Windkanal 2, 12489 Berlin, Ger-
many

Large computational materials databases, such as NOMAD [1-2], make
it possible to reuse already generated materials data. All these data
typically come from different sources and have been created for a differ-
ent purpose, be it geometry optimization, electronic structure, or alike.
To support interoperability and thus reusability of such data, we devise
a data-analysis workflow making use of similarity fingerprints. First,
we encode the electronic density of states (DOS) in a vectorial repre-
sentation [3| to obtain a descriptor. Then, we employ the Tanimoto
coefficient to compute the similarity between all pairs of calculations.
We demonstrate our workflow with selected materials, chosen from the
NOMAD database. In the ideal case, all calculations of the same ma-
terial in the same geometry should be identical. This is, however, not
observed. Using our approach, we can uncover correlations between
the DOS similarity and methodology as well as computational param-
eters. This way, we can also identify parameters that are relevant for
the convergence of results.

[1] Draxl, C., Scheffler, M., MRS Bulletin, 43, 676, (2018)

[2] Draxl, C., Scheffler, M., J. Phys. Mater., 2, 036001, (2018)

[3] Kuban, M., et al., to be published

0 67.8 Thu 12:15 S054
Supervised and unsupervised deep Learning of topological
phase transitions from entanglement aspect for one- and two-
dimensional chiral p-wave superconductors — eMING-CHIANG
CuuNGg — Max-Planck-Institut fiir Physik komplexer Systeme, Dres-
den, Germany — National Chung-Hsing University, Taichung, Taiwan

The one-dimensional or two-dimensional chiral p-wave superconductor
proposed by Kitaev has long become a classic example for understand-

ing topological phase transitions through various methods, such as
examining the Berry phase, edge states of open chains, and, in partic-
ular, aspects from quantum entanglement of ground states. In order
to understand the amount of information carried in the entanglement-
related quantities, here we study topological phase transitions of the
model with emphasis of using the deep learning approach. Using both
supervised or unsupervised ways, we feed different quantities, including
Majorana correlation matrices (MCMs), entanglement spectra (ES) or
entanglement eigenvectors (EE) originating from Block correlation ma-
trices, into the deep neural networks for training, and investigate which
one could be the most useful input format in this approach. We find
that ES is information that is too compressed compared to MCM or
EE. MCM and EE can provide us abundant information to recognize
not only the topological phase transitions in the model but also phases
of matter with different U(1) gauges, which is not reachable by using
ES only. We also build a procedure for using unsupervised learning to
find the phase transition points. We have used this method for other
models.

O 67.9 Thu 12:30 S054
Machine Learning the Square-Lattice Ising Model — eBuURAK
CrvitcioéLul, ANDREAS HoNECKER!, and RupoLF A. ROMER? —
Laboratoire de Physique Theorique et Modelisation, CNRS UMR
8089, CY Cergy Paris Universit *e, Cergy-Pontoise, France —
2Department of Physics, University of Warwick, Coventry, CV4 7AL,
United Kingdom

Recently, machine-learning methods have been shown to be success-
ful in identifying and classifying different phases of the square-lattice
Ising model. We study the performance and limits of classification and
regression models. In particular, we investigate how accurately the
correlation length, energy and magnetisation can be recovered from
a given configuration. We find that a supervised learning study of a
regression model yields good predictions for magnetisation and energy,
and acceptable predictions for the correlation length.

O 68: Focus Session: Time-Resolved Momentum Microscopy

Time-resolved momentum microscopy is a new experimental technique to study electron dynamics in

momentum space.

In momentum microscopy, the reciprocal image plane of photoemitted electrons

is mapped onto a position-sensitive detector. In addition, the kinetic energy is extracted by energy
dispersive elements, such as Time-of-Flight drift tubes or hemispherical analysers. Hereby, the complete
information about the electronic structure of two-dimensional materials can be obtained (kx, ky, E). At
the same time the signal can be restricted to micrometer-size spots, which is important for many types
of quantum materials. By combining such electron spectrometers with pump-probe laser techniques,
optical excitations, photo-induced phase transitions and charge transfer processes within the entire
Brillouin zone can be imaged on ultrashort time scales. Several groups, with many of them in Germany,
have established this technique during the last years in lab-based setups. In addition, first setups at
large scale facilities, like ELI-ALPS or FLASH, are being commissioned or in operation. With higher
photon energies available at free electron lasers, also structural dynamics will be observable through

time-resolved electron diffraction.

Organizer: Robert Wallauer (Universitdt Marburg)

Time: Thursday 15:00-18:30

Topical Talk 0O 68.1 Thu 15:00 H3
Exploring Excitonic Excitations in Momentum Space —
eKEsHav DaNI — Okinawa Inst. of Science and Technology, Grad-
uate University, Onna-son, Japan

Optical techniques have provided us with rich information about the
exciton * a two-particle photoexcited state in semiconductors and in-
sulators. Yet, they have left a fundamental degree of freedom of the
exciton inaccessible * it*s momentum! In this talk, I will discuss the
application of time-resolved photoemission techniques to access the
momentum coordinate of excitons in 2D semiconductors, thereby pro-
viding us with the formation pathways of momentum-forbidden dark
excitons [1], an image of the electron around the hole in the exciton, the
observation of the long-predicted anomalous dispersion of the exciton-
bound electron [2|, the momentum distribution of the exciton-bound
hole, and the confinement of the interlayer exciton in a moiré cell [3].

References ( *equal authors) [1] J. Madeo*, M. K. L. Man*, et al.
Science 370, 1199 (2020). [2] M. K. L. Man*, J. Madeo*, et al. Science
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Advances 7, eabg0192 (2021). [3] O Karni*, E. Barr*, V. Pareek*, J.
D. Georgaras®, M. K. L. Man*, C. Sahoo*, et al. Nature 603, 247
(2022).

Topical Talk O 68.2 Thu 15:30 H3
Moiré interlayer and charge-transfer excitons in space and
time: new experiments enabled by time-resolved momen-
tum microscopy — eSTEFAN MaTHiAs — I. Physikalisches Institut,
Georg-August-Universitat Gottingen, Germany

In my talk, I introduce the time-resolved momentum microscopy setup
that we developed in Géttingen (Germany) [1], which includes a MHz
repetition rate extreme-ultraviolet beamline, and has recently been up-
graded with a spin-imaging detector. In the following, I will discuss
exemplary research projects that we cover with this new instrument.
In particular, I will focus on the spatio-temporal identification and dy-
namics of moiré interlayer excitons in twisted WSe2/MoS2 heterostruc-
tures [2], and on an orbital-resolved study [3] of charge-transfer exciton
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dynamics in C60 thin films [4].
[1] Keunecke et al., Rev. Sci. Instr. 91, 063905 (2020)
[2] Schmitt et al., arXiv:2112.05011(2021)
[3] Jansen et al., New Journal of Physics 22, 063012 (2020)
[4] Stadtmiiller et al., Nature Communications 10, 1470 (2019)

0 68.3 Thu 16:00 H3
The complete interface molecular movie: One-stop imag-
ing of orbital, electronic, and structural dynamics —
eMaRrkus Scuorz!, KiaNA BAUMGARTNER?, MARVIN REUNER3,
CHRISTIAN METZGER?, MicHAEL HEBER!, DMYTRO KUTNYAKHOV!,
FriepricH REINERT?, DARIA Porova-GoreLova®, MARTIN BevE!,
and Kar RossnaGgeL? — !Deutsches Elektronen-Synchrotron DESY,
Notkestrasse 85, 22607 Hamburg, Germany — 2Experimentelle Physik
7, Julius-Maximilians-Universitat, Am Hubland, 97074 Wiirzburg,
Germany — 1. Institute for Theoretical Physics and Centre for Free-
Electron Laser Science, Universitat Hamburg, Luruper Chaussee 149,
22607 Hamburg, Germany — *Institut fiir Experimentelle und Ange-
wandte Physik, Christian-Albrechts-Universitat zu Kiel, 24098 Kiel,
Germany

1

Reactions of molecules on surfaces involve a complex interplay between
electronic reorganization and the motion of atoms. The recent devel-
opments of higher-harmonics generation (HHG) and free-electron laser
(FEL) based sources open up new opportunities for ultrafast spec-
troscopy toward simultaneously imaging subtle changes in the elec-
tronic structure and atomic positions on a femtosecond time scale and
with sub-Angstrém spatial resolution. Here, using a dual-electron mes-
senger mode of momentum microscopy, we trace a photoinduced charge
transfer process in energy-momentum space using valence electrons
and, synchronously, at atomic sites using core electrons, in a single
experimental setup for a molecule-2D material interface.

O 68.4 Thu 16:15 H3
Electron dynamics after a spin- and valley-polarized elec-
tronic excitation in WSy — elLASSE Mi‘JNSTERl, SARAH ZAJUSCHl7
RauL PErea-CausiN', SamueL Brem!, Karsumi TANIMURAL,
Jens GUDDE!, YarRosLAv GERASIMENKOZ, RUuPERT HUBER2, ERMIN
Matic!, ULricH HorFer!, and RoBERT WALLAUER! — !Fachbereich
Physik, Philipps-Universitit Marburg, Germany — 2Fachbereich

Physik, Universitdt Regensburg, Germany

Atomically thin layers of TMDCs offer an ideal playground to study
ultrafast electron dynamics. After optical excitation electrons scatter
throughout the Brillouin zone to form a variety of excitonic states. We
have shown that this formation process can be imaged by time-resolved
momentum microscopy with tunable pump and high harmonic probe
[1].

We recently incorporated a new pumping scheme, that allows us to
excite the sample under an incident angle close to 0° with circularly
polarized light. This results in an excitation, which is located purely
within the K valley for one helicity and in the K’ valley for the other
helicity and provides access to all possible scattering processes. In the
case of an excitation at K, electron scattering to K’ and ¥ is mediated
by strong electron-phonon coupling with time constants of a few tens of
femtoseconds. In addtion, we observe the formation of spin-forbidden
excitons in the K valley and electron scattering towards Y’. Both of
these processes involve a spin-flip and are significantly slower (50 - 100
fs).
[1] R. Wallauer et al., Nano Lett. 21, 5867 (2021)

Topical Talk 0 68.5 Thu 16:30 H3
Momentum and energy dissipation of hot electrons in met-
als and metal-molecular heterostructures — e BENJAMIN STADT-
MUELLER — Department of Physics and Research Center OPTIMAS,
TU Kaiserslautern, 67663 Kaiserslautern, Germany — Institute of
Physics, JGU Mainz, 55128 Mainz, Germany

The dynamics of optically excited carriers in condensed matter play
a crucial role in many fundamental and device-relevant processes in
materials. Here, I discuss the potential of time-resolved two-photon
momentum microscopy (tr-2PMM) [1] to access the k-space signa-
tures and the corresponding quasi-particle lifetimes of excited carri-
ers in metals [2,3] and metal-molecular heterostructures. For metal-
lic systems, I will demonstrate that tr-2PMM allows us to uncover
anisotropies in the orientations of optical transition dipoles for highly
free electron like noble metal surfaces [2] and to follow the ultrafast
intra- and interband scattering processes of optically excited carriers
in metallic quantum well systems [3] in real-time. In this context, I will
also introduce two approaches to alter the electron dynamics of metal
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surfaces by the adsorption of molecular complexes or by periodically
modulating the surface potential using porous molecular networks on
surfaces. Finally, I will show our efforts to exploit the spatial resolu-
tion in tr-2PMM to disentangle the k-space signatures of photo- and
plasmon-induced hot carriers at surfaces [4]. [1] F. Haag et al., Rev.
Sci. Instrum. 90, 103104 (2019); [2] T. Eul et al. Nat. Commun.
(2022); [3] F. Haag et al. Phys. Rev. B 104, 104308 (2021); [4] M.
Hartelt et al. ACS Nano 15, 19559 (2021)

O 68.6 Thu 17:00 H3
Coherent response of the electronic system driven by non-
interfering laser pulses — eToBias EuL!, Eva Prinz!, MicHAEL
HarTeLT!, BENJAMIN FriscH!, MARTIN AESCHLIMANN!, and BEN-
JAMIN STADTMULLERY'2 — 1Department of Physics and Research Cen-
ter OPTIMAS, University of Kaiserslautern, Germany — 2Institute of
Physics, Johannes Gutenberg University Mainz, Germany

The strength of light-matter interaction in condensed matter is funda-
mentally linked to the orientation and oscillation strength of the mate-
rials’ optical transition dipoles. Structurally anisotropic materials, e.g.
elongated molecules, exhibit optical transition dipoles with fixed ori-
entations that govern the angular-dependent light-matter interaction.
Contrary, free electron like metals should exhibit isotropic light-matter
interaction with the light fields dictating the orientation of the optical
transition dipoles. Here, we demonstrate that an anisotropic direc-
tion of the optical transition dipoles even exists in highly free electron
like noble metal surfaces. Our time- and phase-resolved photoemission
experiment reveals coherent interference effects on the (110)-oriented
silver surface after optical excitation with two non-interfering cross-
polarized pulses. We explain this coherent material response within the
density matrix formalism by an intrinsic coupling of the non-interfering
light fields mediated by optical transition dipoles with fixed orienta-
tions in silver.

O 68.7 Thu 17:15 H3
Time-resolved photoemission orbital tomography of CuPc
on Cu(001)-20 — eALEXA ApAMKIEWICZ', MiriaM RATHS?,
Monsa STETTNER?, FrRANco1s C. BoocQueT?, CHRISTIAN KUMPF2,
RoBERT WAaLLAUER!, F. STeEraN TauTz2, and ULrRicH HOFER!
— 1Fachbereich Physik, Philipps Universitit Marburg, Germany —

2Peter Griinberg Institute (PGI-3), Jiilich Research Centre, Germany

Charge transfer across molecular interfaces is reflected in the popula-
tion of electronic orbitals. For ordered organic layers, time-resolved
photoemission orbital tomography (tr-POT) is capable of spectroscop-
ically identifying the involved orbitals and deducing their population
from the measured angle-resolved photoemission intensity with high
temporal resolution. In a first example, we found that for PTCDA/
Cu(001)-20, two distinct excitation pathways could be observed with
visible light [1]. The parallel component of the electric field induces a
direct HOMO-LUMO transition, the perpendicular component trans-
fers a substrate electron into the molecular LUMO. While in this case,
a distinct excitonic signature was not observed, changes in the momen-
tum pattern can in general serve as a measure of detecting excitonic
processes. Here, we show such time-dependent change of the pattern
for CuPc¢/Cu(001)-20. We demonstrate how the temporal evolution
of the LUMO momentum distribution can be systematically disentan-
gled from contributions of the projected HOMO. Moreover, we observe
LUMO excitation of selected molecular orientation at normal incidence
by aligning the pump polarization along the molecular axis. [1] R. Wal-
lauer et al., Science 371, 1056 (2021).

Topical Talk O 68.8 Thu 17:30 H3
Is there a perfect electron analyzer for time-resolved
ARPES? — eLAureENz RETTIG — Fritz-Haber-Institut der Max-
Planck-Gesellschaft

Recent years have seen a huge popularity of time-of-flight based mo-
mentum microscopes (MMs), which based on advanced electrostatic
optics have revolutionized angle-resolved photoemission spectroscopy
(ARPES). Compared to conventional hemispherical analyzers (HAs)
with angle-dispersing electron lenses, which access only a small frac-
tion of the reciprocal space at a given configuration, MMs allow for the
simultaneous detection of multiple Brillouin zones without the need to
rearrange the sample geometry. However, one drawback of such in-
struments, in particular in time-resolved studies, arises from the large
energy and momentum range covered simultaneously, which in com-
bination with detection limitations of delay-line detectors and space
charge restrictions can severely reduce the effective detection rate for
selected energy-momentum regions compared to conventional HAs.
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In my talk I will discuss the advantages and limitations of both
types of instruments for several application scenarios in time-resolved
ARPES, and present some recent highlights in charge-density wave
materials, which take advantage of the combination of both types of
instruments.

0 68.9 Thu 18:00 H3
Developing a fs-XUYV source for time-resolved momentum mi-
croscopy on 2D materials — eKaARL ScHILLER!, ALaAN OMAR?,
LAssE STERNEMANN', MaTwa Stupar!, CLARA SARACENO?, and
Mirko CiNcHETTI! — !Department of Physics, TU Dortmund Uni-

versity, Germany — 2Ruhr-Universitit Bochum, Germany

We introduce a newly developed setup for time-resolved momentum
microscopy with femtosecond extreme ultraviolet (fs-XUV) radiation.
The fs-XUV pulses with photon energy up to 30eV are generated by
high-harmonic generation in an Argon gas jet and are coupled to an
energy-filtered momentum microscope (KREIOS MM, Specs GmbH).
A commercial Ytterbium-based high-power laser system drives the gen-
eration with a variable high repetition rate between 100 kHz and 1 MHz
(Carbide, Light Conversion). While this configuration allows for high
energy resolution of 50 meV, a high temporal resolution can also be
reached by coupling the laser to a tunable in-house build Herriot-type
multipass cell compressor with peak powers up to 2GW and pulse
durations of ~45fs[1]. In the talk, we will present the first charac-
terization data of this setup and motivate its capability to examine
few-layer 2D materials.

[1] A. Omar, et al. Advanced Solid State Lasers, OSA Technical Digest

(Optical Society of America, 2021), paper JM3A.55

O 68.10 Thu 18:15 H3
FEL-based time-of-flight momentum microscopy: 3 time-
resolved photoemission modalities in 1 experiment — eD.
Kurnyaknov!, R.P. Xian?, M. Denpzik?, M. Heser!, F.
Pressacco3, S.Y. Acustsson?, L. WenTHAUS!, H. MEYER®, S.
GiescHEN®, K. BUnLMAN®, S. DAsTER?, R. Gorr®, D. CuRrciof,
K. Vorckaert®, M. Biancui®, Cu. Sanpers®, J.A. Mrmwa%,
S. UrstrUupr®, A. OErLsNer’, C. Tuscue®?, Y.-J. Cuen39, D.
Vasiyev?, K. Mepjanik?, G. Brenner!, S. Dziarzayrskil, S.
Donc?2, J. Hauer2, L. RerTic?, J. DEMsar?, H.-J. ELMERs?, PH.
HorMaNN®, R. ERNSTORFER2?, G. SCHONHENSE?, Y. ACREMANN?®,
and K. Rossnacger!10 — 1DESY, Hamburg — 2FHI Berlin —
3CFEL, Univ. Hamburg — 4Univ. Mainz — °ETH Ziirich — SUniv.
Aarhus — 7Surface Concept GmbH, Mainz — 3FZ Jiilich GmbH —
9Univ. Duisburg-Essen — YCAU Kiel

Time-resolved photoemission spectroscopy with ultrashort pump and
probe photon pulses is an emerging technique with wide application
potential. The ultimate combination of valence-band and core-level
spectroscopy with photoelectron diffraction in a single experiment for
electronic, chemical, and structural dynamics analysis specifically re-
quires tunable monochromatic soft X-ray pulses at a high repetition
rate as well as highly efficient single-shot electron detectors with in-
creased multi-hit capabilities. We have realized such a 3-in-1 ultra-
fast photoemission experiment at FLASH/PG2, DESY merging free-
electron laser capabilities with a multi-dimensional recording scheme.

O 69: Surface Reactions and Heterogeneous Catalysis 2

Time: Thursday 15:00-17:45

Topical Talk 0 69.1 Thu 15:00 H4
Theoretical Investigations of Size and Support Effects in Het-
erogeneous Catalysis — eFELIX STUDT — Institute of Catalysis Re-
search and Technology, Karlsruhe Institute of Technology

Supported transition metal nanoparticles play an important role as
catalysts in heterogeneous catalysis. The extend to which size, shape
and metal support interaction influence a catalysts reactivity is still
at the forefront of scientific research. Here we use density functional
theory calculations on nanoparticles ranging from 0.5 to about 3.5 nm
in size in order to gain insight into the particle size effect on a cat-
alysts reactivity. We furthermore investigate how the interaction of
nanoparticles with the support alters their reactivity with respect to
the binding strength of adsorbates. Using computational models of
particle-support interfaces we show how insight into changes in reac-
tivity can be described.

0 69.2 Thu 15:30 H4
Why interlayer exchange is crucial for temperature pro-
grammed desorption — eToBIAS DICKBREDER, RALF BECHSTEIN,
and ANGELIKA KUHNLE — Physical Chemistry I, Bielefeld University,
Universitatstrae 25, 33615 Bielefeld

Understanding the desorption of molecules from surfaces is fundamen-
tal for both natural and application-oriented processes such as dewet-
ting, weathering and catalysis. A powerful method to investigate des-
orption processes is temperature programmed desorption (TPD) as
it offers the possibility to gain mechanistic insights into the desorp-
tion kinetics. In the past, several analysis methods have been de-
veloped for TPD data. These methods have in common that they
rely on the Polanyi-Wigner equation, which requires proposing a des-
orption mechanism with a single (dominating) desorption path. For
real systems, however, several coupled desorption paths can be easily
envisioned. Here, we analyze the influence of exchange between the
first and the second adsorbate layer on the desorption process. We
show that considering this additional desorption pathway alters the
desorption spectrum considerably. Thus, our study demonstrates that
interlayer exchange can be crucial for the analysis of TPD data.

0 69.3 Thu 15:45 H4
CO oxidation on small size-selected Pt clusters supported on
Fe304(001) — eJOHANNA Pransky!, SEBASTIAN KAISER!, FARAH-
Naz MaLexi?, Ke Zuane?, WoLrcane Harsicu?, UsLt Heiz!, SEr-

c1o Tosoni?, BarBarA A.J. LEcuNEr!, GIANFRANCO PaccHIONI?,
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Location: H4

and Frieprica Escu! — !Technical University of Munich, Garch-
ing, Germany — 2University of Milano-Bicocca, Milano, Italy —
3Technical University of Denmark, Kgs. Lyngby, Denmark — “Ecole
Polytechnique Fédérale de Lausanne, Lausanne, Switzerland

Oxide-supported metal nanoparticles and clusters are common cata-
lysts for heterogeneous reactions such as exhaust gas treatment. By
studying supported size-selected clusters, we disentangle the influ-
ence of cluster size and support on reaction mechanisms. In the
Ptn/Fez04(001) model system, we observe a complicated interplay
between lattice oxygen reverse spillover, cluster encapsulation and gas
phase pressure dependence. Sophisticated pulsed-valve reactor experi-
ments (Sniffer-MS) combined with variable temperature scanning tun-
neling microscopy (STM) reveal the reaction of CO with lattice oxy-
gen occurs on the cluster and not at the interface, but it is rapidly
quenched by the strong metal-support interaction (SMSI). We will
further demonstrate how UHV-based experiments can be quantified
to provide turnover frequencies (TOFs) for comparison with real cata-
lysts.

O 69.4 Thu 16:00 H4
A Model-Free Sparse Approximation Approach to Robust
Formal Reaction Kinetics — eoFRrREDERIC FELSEN, KARSTEN
REUTER, and CHRISTOPH SCHEURER — Fritz-Haber-Institut der
MPG, Berlin, Germany

Accurate and transferable models of reaction kinetics are of key im-
portance for chemical reactors on both laboratory and industrial scale.
Usually, setting up such models requires a detailed mechanistic un-
derstanding of the reaction process and its interplay with the reactor
setup. We present a data-driven approach which analyzes the influ-
ence of process parameters on the reaction rate to identify effective
rate laws without prior knowledge and assumptions. The algorithm
we propose determines relevant model terms from a polynomial ansatz
employing well established statistical methods. For the optimization
of the model parameters special emphasis is put on the robustness of
the results by taking not only the quality of the fit but also the distri-
bution of errors [1] into account in a multi-objective optimization [2].
We demonstrate the flexibility of this approach based on synthetic ki-
netic data sets from microkinetic models. This way, we show that the
kinetics of both the classical HBr reaction and a prototypical catalytic
cycle are automatically reproduced. Further, combining our approach
with experimental screening designs we illustrate how to efficiently ex-
plore kinetic regimes by using the example of the catalytic oxidation



Regensburg 2022 — O

Thursday

of CO.
[1] J. J. Filliben, Technometrics, 17, 111, 1975.
[2] K. Deb et al., IEEE Trans. Evol. Comput., 6, 182, 2002.

0 69.5 Thu 16:15 H4
Combining Planar Laser-Induced Fluorescence with Stag-
nation Point Flows for Small Single-Crystal Model Cat-
alysts: CO Oxidation on a Pd(100) — JianreEnG Zuoul,
eSEBASTIAN MATERAZ?, SEBASTIAN Prarr!, SARA BLOMBERG!3,
EpvIN LUNDGREN!, and JoHAN ZETTERBERG! — Lund University,
SE-22100 Lund, Sweden — 2Freie Universitiat Berlin, D-14195 Berlin,
Germany — SLawrence Berkeley National Laboratory, Berkeley, CA
94720-8229, USA — 4Fritz-Haber-Institut der MPG, D-14195 Berlin,
Germany

Mass transfer limitations can have a tremendous impact on catalysts
characterization and must be accounted for by an appropriate mod-
elling and, if possible, reactor design. We present a stagnation flow
reactor for reaction product imaging by planar laser-induced fluores-
cence (PLIF), which is amenable to efficient low order modeling. Using
CO oxidation over a Pd(100) single crystal as a showcase, we discuss
the peculiarities for the case of small single-crystal model catalysts.
While the ideal stagnation flow equations are not valid in this limit,
a slightly modified theory can be derived, which exploits the infor-
mation encoded in the PLIF signal. This combination of PLIF and
half-theory /half-data driven modelling allows to efficiently analyze the
experimental data and to estimate the turnover frequency and the
COg2, CO and O2 concentrations at the surface from solely the COq
profile at some distance of the surface.

0 69.6 Thu 16:30 H4
On-surface collision reactions — eMarTHEW J. TimMm, KELVIN
ANGGARA, Lypie LEuNGg, ZHIxIN Hu, and Joun C. PorLanyr — Lash
Miller Chemical Laboratories, Department of Chemistry, University of
Toronto, 80 St. George Street, Toronto, Ontario M5S 3H6, Canada

Collisions between atoms and molecules are required for forming chem-
ical bonds, thus they are central to any chemical reaction. The out-
come of these collisions depends on the collision energy, geometry, and
miss-distance between centers of the colliding reagents (called the im-
pact parameter). As the incoming species - in general - randomly
misses the target’s center of mass, measurement of the impact param-
eter is a long-standing problem. Recently, a ’surface-molecular-beam’
approach has been demonstrated that can allow for selection of impact
parameter in a surface-reaction [1-3]. Energetic, oppositely-recoiling
CF2 or F-atom "projectiles” are formed on a Cu(110) surface by dis-
sociation of chemisorbed CF3 molecules with the tip of a Scanning
Tunneling Microscope (STM). The inherent corrugation of Cu(110)
leads to collimated trajectories of these projectiles, allowing them be
aimed to collide with nearby molecular ”targets” at chosen impact pa-
rameters. The pattern of reactive and non-reactive scattering was then
determined by STM with the dynamics of the collision elucidated by
density functional theory calculations.

[1] Anggara, K.; Leung, L.; Timm, M. J.; Hu, Z.; Polanyi, J. C.; Sci
Adv., 2018, 4, eaau2821. [2] Anggara, K.; Leung, L.; Timm, M. J.; Hu,
Z.; Polanyi, J. C.; Faraday Discuss., 2019, 214, 89-103. [3] Leung, L.;
Timm, M. J.; Polanyi, J. C.; Chem. Commun., 2021, 57, 12647-12650.

0 69.7 Thu 16:45 H4
Faster oxygen adatom diffusion in a more densely packed
CO adlayer on Ru(0001): A high-speed STM and DFT
study — eHaNNaH ILLNER!, Sunc Sakong?, AxeL GRross?, and
JoosT WINTTERLIN! — !Ludwig-Maximilians-Universitéit Miinchen,
Germany — 2Universitdt Ulm, Germany

Oxygen atoms on a Ru(0001) surface covered with 0.33 monolayers
(ML) of coadsorbed CO travel through the CO layer by the so-called
door opening mechanism. It is facilitated by structural fluctuations in
the CO layer and leads to an enhanced diffusion constant [HenR et al.,
Science 363, 715 (2019)]. Expecting a lower diffusion constant on a
more densely CO-covered surface we have investigated how this mech-
anism changes when the CO coverage is enhanced. The experiments
were performed by means of a variable-temperature, high-speed STM.
In the analyzed temperature range between 239 and 280 K the CO
layer is disordered at a coverage of 0.47 ML. The obtained trajectories
of the O atoms show that jumps occur in six equivalent directions with
the same probability, in contrast to 0.33 ML, where three directions
are preferred. Surprisingly, the Arrhenius plot of the hopping rates
suggests a lower activation energy for the diffusion at the higher CO
coverage than at 0.33 ML of CO. Density functional theory calcula-
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tions suggest that at §(CO) > 0.33 ML clusters form at which the
CO density is locally enhanced, and that the configurations of the O
atoms with respect to CO molecules are modified. However, the door
opening mechanism is still efficient. A weaker binding of the O atoms
in the dense CO layer effectively leads to a lower diffusion barrier.

0 69.8 Thu 17:00 H4
Machine-learning Gaussian Approximation Potentials to
solve a longstanding puzzle about RuO: surfaces
®YONGHYUK LEE, JAKOB TIMMERMANN, CHRISTOPH SCHEURER, and
KAaRrRsTEN REUTER — Fritz-Haber-Institut der MPG, Berlin, Germany

Machine-learning Gaussian Approximation Potentials (GAPs) have re-
cently evolved as a powerful class of surrogate models to computation-
ally demanding first-principles calculations. Along with structure ex-
ploration techniques, they enable us to examine the potential energy
surface of interest with a hitherto unforeseen combination of physi-
cal accuracy and computational efficiency and to achieve global sur-
face structure determination (SSD) for increasingly complex systems.
This can be leveraged e.g. to discover novel surface motifs which are
critical in understanding the “living" state of heterogeneous catalysts
and their degradation under dynamic operating conditions. In our
preceding study, this versatility could be leveraged by a general and
data-efficient iterative training protocol that allows for the on-the-fly
generation of GAPs via the actual surface exploration process. The
iterative refinement of GAPs identifies plenty of unknown low energy
terminations of RuO2 even within the restricted sub-space of (1 x 1)
surface unit-cells. Moreover, by extending the protocol to larger sur-
face unit-cells, we discovered new surface structures, which provide
solutions to longstanding questions in heterogeneous catalysis.
[1] J. Timmermann et al., Phys. Rev. Lett. 125, 206101 (2020)
[2] J. Timmermann et al., J. Chem. Phys., 155, 244107 (2021)

069.9 Thu 17:15 H4
Hydrogen cleaning induced surface changes of GaAs(110) —
eDoRrOTHEE S. RosENzwEIG!, MoriTz N.L. HAaNSEMANN!, PHILIPP
EBERT?, MICHAEL ScHNEDLER?, HoLGER EiseLe!, and MAaRrio
DiunNe! — lnstitut fiir Festkorperphysik, Technische Universitit
Berlin, 10623 Berlin, Germany — 2Forschungszentrum Jiilich GmbH,
Peter Griinberg Institut, 52425 Jiilich, Germany

For the nanoscopic analysis of I11/V nanowire (110) surfaces, hydrogen
cleaning is a commonly used procedure. While hydrogen cleaning is
reported to be destruction free [1] and to achieve clean, atomically flat
surfaces—as they are present directly after growth—the actual pro-
cesses and dynamics during cleaning are rarely examined. However, a
detailed understanding of these issues is crucial for the interpretation
of electronic surface properties, of the growth of Nanaowires, as well
as of built-in and distribution of dopands.

Here, we investigate the modifications of GaAs(110) as model sys-
tem upon atomic hydrogen exposure at room temperature and under
commonly used cleaning conditions at the atomic level. For depic-
tion and measurement at the atomic scale, we used scanning tunnel-
ing microscopy and spectroscopy under UHV conditions. Using these
methods we study the geometric arrangement of the adsorbed atoms as
well as adsorbation induced additional electronic states, band bending,
defect states, and Fermi level pinning.

[1] Webb et al., Nano Lett. 15, 8, 4865-4875 (2015)

0 69.10 Thu 17:30 HA4
In-situ characterization of cyclic reduction and reoxida-
tion of CeOx(111) and CeOx(100) islands on Cu(111) —
eLinus PrLENEs!, Lars Buss?, TEvFik ONUR MENTES?, FRANCESCA
Genuzio®, ANDREA LocareLni®, Jens Farral#, and Jan Inco
FLece? — llnstitute of Solid State Physics, University of Bre-
men, Germany — 2Applied Physics and Semiconductor Spectroscopy,
Brandenburg University of Technology Cottbus-Senftenberg, Germany
— 3Elettra-Sincrotrone Trieste S.C.p.A., Basovizza Trieste, Italy —
4MAPEX Center for Materials and Processes, Bremen, Germany

Cerium oxide (CeOy) is of special interest due to its catalytic activ-
ity and various other electronic and optical applications. The inverse
model catalyst CeO, on Cu(111) has a high activity for methanol syn-
thesis from Ho and COs. For the activation of CO2, Ce37 sites have to
be present at the surface, which means that the CeO, has to be reduced
to some extent. This may be achieved by exposure to Ha at elevated
temperatures. We studied the interaction of Ho and CO2 with CeOg4
islands on Cu(111) with low-energy electron microscopy (LEEM) and
X-ray absorption spectroscopy (XAS). From earlier studies, the orien-
tation of the CeO; is known to be decisive for its catalytic activity. In
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our experiments (100) and (111) CeO, islands are grown side by side
on the metal substrate, so that identical reaction conditions prevail
during the experiment. At a high temperature of 550 °C, exposure to

O 70: Supported nanoclusters
Time: Thursday 15:00-17:45

Topical Talk O 70.1 Thu 15:00 H6
Stability and dynamics of cluster catalysts and their sup-
ports — SEBASTIAN KAISER, JOHANNA PLANSKY, FABIAN KNOLLER,
ALEXANDER BourcunD, KE Zuang, Uert Heiz, FriEDRICH EscH,
and eBARBARA A. J. LECHNER — Department of Chemistry & Catal-
ysis Research Center, Technical University of Munich, Germany

The intrinsic metastability of supported clusters can induce a vast
range of dynamics that strongly influence their physical and chemical
properties, while being experimentally highly challenging to investi-
gate. Here, I will present a range of surface dynamics that occur in
supported cluster dynamics, ranging from confined cluster diffusion,
cluster encapsulation, support mobility and reactant spillover to lat-
eral diffusion linked to reactivity. Our experimental approach is to
combine static, statistically sound, and dynamic, time-resolved scan-
ning tunneling microscopy (STM) to investigate the diffusion, sinter-
ing, and restructuring of size-selected clusters on weakly and strongly
interacting supports.

O 70.2 Thu 15:30 H6

The role of water in oxidation of the Pt/Co304 in-
terface — eYarosLava Lyknacu!, LukAs Fusek!b2, MAXIMIL-
1AN KasTENMEIER!, ToMAS SkALa2, NataLiya Tsup2, VIKTOR

b b
JoniANEk?, SascHA MEeHL3, JosEF MyYSLIVEGEK?, OLAF BRUMMEL!,
and Jora LiBubpal — lFriedrich-Alexander-Universitit Erlangen-
Niirnberg, Erlangen, Germany — 2Charles University, Prague, Czech
Republic — 3Elettra-Sincrotrone Trieste SCpA, Basovizza-Trieste,
Italy

Electronic metal-oxide interactions (EMSI) play a major role in the de-
sign of advanced functional materials for applications in catalysis. We
investigated the influence of the EMSI on the oxidation state of ultra-
small Pt particles supported on a well-ordered Co304(111) substrate
in the presence of co-adsorbates, i.e. hydroxyl groups and molecularly
adsorbed water, by means of synchrotron radiation photoelectron spec-
troscopy and scanning tunnelling microscopy. The EMSI gives rise to
charge transfer across the metal-oxide interface and results in partial
oxidation of Pt deposits coupled with partial reduction of Co304(111).
We detected ultra-small Ptd+ aggregates in combination with atom-
ically dispersed Pt2+/4+ species. While the oxidation degree of Pt
deposits is not influenced by the presence of co-adsorbates, the magni-
tude of the charge transfer is enhanced in the presence of molecularly
adsorbed water. Subsequent annealing in UHV leads to re-oxidation
of Co304(111) accompanied by an increase in the amount of Ptd+
species. This observation suggests the re-dispersion of Ptd+ aggre-
gates to Pt4+ species triggered by the dissociation of water.

O 70.3 Thu 15:45 H6
Ripening mechanism changes with cluster size: In situ ob-
servation of Pt cluster diffusion on Fe3z04(001) — eSEBASTIAN
Kaiser, JoHANNA Pransky, ULt Heiz, BARBARA A. J. LECHNER,
and FRrIEDRICH EscH — Technical University of Munich, Garching,
Germany

Ripening of small oxide-supported metal clusters is a common deac-
tivation mechanism in heterogeneous catalysis. We use scanning tun-
neling microscopy (STM) to follow the diffusion and ripening of size-
selected Pt clusters on an FezO4(001) support. Thanks to a strong
cluster-support bonding, ripening and coalescence only set in at ele-
vated temperatures. Particle size analysis of our STM images reveals
that Pt19 exhibits Ostwald ripening at temperatures above 800 K,
i.e. with cluster growth by atom diffusion. In contrast, the smaller
Pts and Ptig clusters show Smoluchowski ripening, i.e. the diffusion
of entire clusters, already in the temperature range of 600 to 800 K
and Ostwald ripening >800 K. We not only observe the ripened clus-
ters in STM, but could successfully follow the diffusion process in situ
by STM movies. Surprisingly, temperature programmed desorption
(TPD) measurements of CO molecules show that in this temperature
range the clusters get concomitantly encapsulated by iron oxide via

Hs leads to partial reduction, and exposure to CO2 leads to reoxidation
of the CeO,. The differences observed for the two island orientations
regarding structure and composition will be discussed.

: Structure, Reactions, Catalysis
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strong metal support interaction (SMSI). Cluster diffusion thus oc-
curs despite a strong interaction with the magnetite support and the
diffusing species is most likely a cluster with Fe and O atoms on top.

O 70.4 Thu 16:00 H6
Tuning SMSI Kinetics on Pt-loaded TiO2(110) by Choos-
ing the Pressure ePuiLIP PEerzoLpT!, MoORITZ EDER!,
Sonia Mackewicz!, Monika Brum?3, Tmm KraTky?, SEBAS-
TIAN  GUNTHER? 1

, Marrin Tscuurn!, UrLr Hriz!, and Bar-
BARA LECHNER® — 1Physical Chemistry, Department of Chemistry
and Catalysis Research Center, Technical University of Munich —
2 Advanced Light Source, Lawrence Berkeley National Laboratory —
3Chemical Sciences Division, Lawrence Berkeley National Laboratory
— 4Physical Chemistry with Focus on Catalysis, Department of Chem-
istry and Catalysis Research Center, Technical University of Munich
— 5Functional Nanomaterials, Department of Chemistry and Cataly-
sis Research Center, Technical University of Munich

The encapsulation of noble metal particles on reducible supports due
to a strong metal-support interaction (SMSI) has already been exten-
sively studied. However, there is still an ongoing debate on important
aspects such as the influence of oxygen or hydrogen treatments on the
encapsulating overlayer. We have utilized synchrotron-based NAP-
XPS in order to investigate the SMSI for Pt-loaded TiO2(110) single
crystals under the influence of Hy and Og at different pressures. In an
O2 atmosphere two different, pressure-dependent phenomena, namely,
an oxidation of Pt particles and a loss of Pt signal intensity, are ob-
served at 800 K. While the oxidation is partially reversed in vacuum,
the intensity of the platinum signal cannot be recovered. Ha annealing
has no significant additional effect compared to vacuum annealing. In
the presentation, we discuss possible origins of these observations.

O 70.5 Thu 16:15 H6
Deposition and annealing of FeNi nanoparticles on sur-
faces — eMAHBOOBEH RAVANKHAH', MaTHIAS GETZLAFF', GER-
HARD DEHM2, and PuIiLIPP WATERMEYER? — lInstitut fiir Ange-
wandte Physik, Universitit Diisseldorf — 2Max-Planck-Institut fiir
Eisenforschung GmbH, Diisseldorf

3d bimetallic nanoparticles have received lots of attention due to their
technological applications in ultrahigh density information storage,
catalysis and biomedicine. The thermal stability and the magnetic
properties of the in-vacuo prepared bimetallic nanoparticles are shown
to depend on the composition and their structure. Here we report
on new findings of structure and composition of Fe-Ni nanoparticles,
synthesized via a magnetron sputtering source and deposited on a
Tungsten crystal surface. The elemental distribution of nanoparti-
cles is determined by high resolution transmission electron microscopy
(HRTEM) and electron energy loss spectroscopy (EELS). It is found
that the nanoparticles have a shell formed by Fe atoms and a core
composed of Fe and Ni with the gradient of composition from core to
the surface. The melting behavior of nanoparticles was studied under
UHV conditions by scanning tunneling microscopy (STM) as a func-
tion of heating temperature. The unrolling carpet, surface diffusion
and anisotropy spreading are driving processes to form monolayer high
islands above the melting point. The relevant result could be helpful
for the design and preparation of stable and controllable bimetallic
nanoparticles for technological applications.

O 70.6 Thu 16:30 H6
Reaction Pathways in Alcohol Photoreforming on Cluster
Co-Catalyst Loaded TiO2(110) — eSoNIA MACKEWICZ, MORITZ
EDER, PHiLIP PETZOLDT, MARTIN T'scHURL, and UeL1 HE1zZ — Phys-
ical Chemistry, Department of Chemistry and Catalysis Research Cen-
ter, Technical University of Munich

Heterogeneous photocatalysis offers the prospect of utilizing solar en-
ergy for the environmentally benign production of chemical fuels such
as hydrogen. State-of-the-art materials often comprise co-catalyst
loaded semiconductors, but these systems are still limited in efficiency.
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In order to systematically optimize photocatalysts, a profound knowl-
edge of reaction mechanisms is crucial, whose details are so far little
understood. Alcohols are an ideal model system to investigate reac-
tion mechanisms in photocatalysis. Furthermore, they may serve as
renewable sources for hydrogen in the future. In this talk, we give
insights into the mechanistics of the alcohol photoreforming reaction
on co-catalyst loaded TiO2(110). It is shown that semiconductor pho-
tocatalysis selectively enables new reaction pathways, which are not
accessible by thermal or conventional chemical methods.

O 70.7 Thu 16:45 H6
Electron transfer reaction by time resolved (TRS) and core
level spectroscopy (XPS) and STM on Au/TiO2(110) single
crystal systems. — eHicHAM IDRIss — Institute of functional In-
terfaces, KIT, Karlsruhe

Charge transfer from or to a metal deposited on an oxide semicon-
ductor are central to photocatalysis. In order to probe into this phe-
nomenon, the effect of gold coverage on the chemical state of Ti cations,
upon photoexcitation of rutile TiO2(110) single crystal, was inves-
tigated by X-ray photoelectron spectroscopy (XPS). Photocatalytic
reaction of gas phase ethanol (a hole scavenger) on TiO2(110) and
Aux/TiO2(110) resulted in the formation of Ti3+ cations. Increasing
the Au coverage resulted in the gradual decrease of these Ti3+ cations.
The ”quasi” total consumption of these reduced states was found at
a ratio Au atoms to reacted Ti3+ close to one; this corresponded to
about 0.50 at. % of Au. The relationship suggests that electron trans-
fer occurs from the excited semiconductor to Au atoms during the cat-
alytic reaction. In order to complement the work H2 production rates
of an electron donor, such as ethanol, over Au clusters with different
sizes and coverage deposited on single crystal rutile TiO2(110) were
studied by scanning tunneling microscopy, online mass spectrometry
and complemented by femto second pump probe spectroscopy. It was
also found that there is a non-linear increase of the H2 production rate
with increasing gold coverage. The key determining factor appears to
be the Au inter-particle distance. Increasing this distance resulted in
an increase in the normalized reaction rate.

0 70.8 Thu 17:00 H6
Surface Ligand Infrared Spectroscopy: In-Situ Charac-
terization of Noble Metal Clusters and Metal Oxides at
Work — eERric SAUTER!, DARIA GASHNIKOVAZ, FLORIAN MAURER?,
ALexel Nerepov!, STeEraN HrissLEr!, YUEMIN Wanc!, JAN-DIrRK
GruNwaLD?, and CHrisToF WoLL! — lIntitute of Functional In-
terfaces, KIT, Eggenstein-Leopoldshafen, Germany — 2Institute of
Chemical Technology and Polymer Chemistry, KIT, Karlsruhe, Ger-
many

To achieve a full understanding of chemical processes at exposed sur-
faces in-situ and operando investigations are required. For studies
of catalytic processes under real conditions, IR spectroscopy offers a
number of advantages. In the present study, surface ligand infrared
spectroscopy was used to perform an in-situ investigation of the surface
characteristics of cerium oxide single crystals as well as catalytic active
NM-clusters on cerium oxide nanoparticles. Low temperature adsorp-
tion of carbon monoxide was used to identify the surface structure and
morphology, visible through distinctive adsorption bands blue shifted
in respect to the gas phase, which can be used as reference for the

interpretation of more complicated spectra like powders or nanopar-
ticles. Additionally, noble-metal clusters were investigated in pristine
condition as well as in the reduced state. Upon heating, desorption of
the probe molecule occurred and at higher temperatures deformation
and sintering of the clusters was observed. The investigation shows
the power of infrared spectroscopy as a tool for in-situ investigations
and characterization of NM-clusters and metal oxides at work.

0 70.9 Thu17:15 H6
AI with Experimental and Theoretical Data toward the
Understanding CO2 Hydrogenation Catalysis: The Role of
the Support Materials — eRay Mivazaki!, KENDRA BELTHLEZ,
HaruN TUvstz?, Lucas Foprpal, and MATTHIAS SCHEFFLER! —
1The NOMAD Laboratory at the Fritz Haber Institute of the
Max Planck Society, Germany — 2Max-Planck-Institut fiir Kohlen-

forschung, Germany

The genesis of organic molecules from CO2 at a hydrothermal vent,
which is a fissure on the seafloor, is one of the theories for the ori-
gin of life [1]. We focus on CO2 hydrogenation catalyzed by cobalt
nanoparticles supported on SiO2, which mimic the environment of a
hydrothermal vent. In particular, we investigate the role of support
materials by using several amorphous SiOg supports incorporating dif-
ferent elements (e.g., Ti, Zr). In this study, the experimental selectivity
toward organic molecules (e.g., methanol, formic acid) is modeled by
the sure-independence screening and sparsifying operator (SISSO) Al
approach [2]. Both experimental and theoretical data are adopted as
the input features for SISSO, such as atomic-scale features calculated
by density functional theory and experimental characterization data.
Our approach identifies the key descriptive parameters correlated to
the selectivity, which lead to a better understanding of the origin of
life and to design of novel CO2 hydrogenation catalysts.

[1] M. Preiner et al., Nat. Ecol. Evol., 4, 534-542 (2020).

[2] R. Ouyang et al., Phys. Rev. Mater., 2, 083802 (2018).

O 70.10 Thu 17:30 H6
Near-ambient pressure studies of size selected clusters
on ultrathin silica films — eMarTHIAS KRINNINGER, FLORIAN
KRAUSHOFER, FRIEDRICH EscH, and BARBARA A.J. LECHNER — De-
partment of Chemistry, Technical University of Munich, 85748 Garch-
ing, Germany

Silicon oxide is a widely used catalyst support material for clusters
and nanoparticles. Understanding the relationship between these clus-
ters and the support is challenging, however, because SiO2 is insu-
lating, and in most applications not crystalline, which limits the use
of diffraction-based experimental techniques. Some progress has been
made by growing ultrathin, quasi-2D silica bilayer films on a variety of
metal supports [1], which can then be measured by scanning tunneling
microscopy (STM). Here, we show first results for ultrathin silica films
grown on Pt(111) and their interaction with deposited metal clusters,
examined by near-ambient pressure (NAP) XPS and NAP-STM. We
investigate the stability of the films, their ability to stabilize small
clusters without sintering, and the dependence of this stability on the
crystallinity of the film.

[1] C. Biichner, M. Heyde, Two-dimensional silica opens new per-
spectives, Prog. Surf. Sci., 92 (2017) 341-374.

O 71: Focus Session: Atomic-Scale Studies of Spins on Surfaces with Scanning Tunneling
Microscopy 2

Time: Thursday 15:00-18:00

Topical Talk O 71.1 Thu 15:00 SO051
Theory for Electron Spin Resonance based on electron trans-
port — eNicoras LoreNTE!, Jost REINAZ, and CHRisTOPH WOLF?
— 1Centro de Fisica de Materiales & DIPC, Donostia, Spain —
2Center for Quantum Nano Science, Seoul, Korea

Recent progress in electron spin resonance with the scanning tunnel-
ing microscope (ESR-STM) [1] is greatly advancing the experimental
possibilities of manipulating atomic spins by all-electrical means. Two-
qubit operations have been made possible using a pulse-mode in the
ESR-STM |[2], and addressing remote qubits has been rendered possi-
ble by creating a new muti-frequency operational mode [3]. We aim
at developing a computational tool that permits us to interpret and
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predict the outcome of experiments in ESR. The first results of such a
simulation tool have addressed one and two spins under an STM cur-
rent [4,5]. We use a non-equilibrium Green’s function approach with
Hubbard operators that allows us to write quantum adiabatic Marko-
vian master equations in the presence of an electron current and under
the driving of an external electric field. The results are enticing and the
modelling is flexible enough to treat many different physical situations.
References: [1] S. Baumann et al, Science 350, 417 (2015). [2] K. Yang
et al, Science 366, 509 (2019). [3] S.-H. Phark et al, ArXiv:2108.09880.
[4] J. Reina et al, Phys. Rev. B 100, 035411 (2019). [5] J. Reina et al,
Phys, Rev. B 104, 245435 (2021).
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O 71.2 Thu 15:30 S051
Modeling the Electron Spin Resonance Spectrum in Scanning
Tunneling Microscopy — eCHRrisTiaN R. AsT!, Protr KoT!, Ma-
NEESHA IsmAIL', and Juan Carros Cugvas? — IMPI for Solid State
Research, 70569 Stuttgart — 2Universidad Auténoma de Madrid,
28049 Madrid, Spain

The theory of electron spin resonance (ESR) spectroscopy in scanning
tunneling microscopy (STM) has been debated for some time now with
a number of different proposals having different origin, but essentially
leading to very similar results. While the focus so far has been on the
ESR signal itself, the measured DC tunneling spectrum offers more
details that allow for a more precise verification of the underlying the-
ory. Here, we discuss the ESR signal from a theory point of view by
allowing the tunneling electrons to interact with both the driven spin
system and the incident microwave during the tunneling process. We
find a more complete description of the whole tunneling current also
going beyond the typical approximation of a constant density of states.

O 71.3 Thu 15:45 S051
A new view on the origin of zero-bias anomalies of Co atoms
atop noble metal surfaces — Jusa Bouaziz!, FiLipE S. M.
GuiMARAEs!, and eSamir Lounis!'? — !Peter Griinberg Institut
and Institute for Advanced Simulation, Forschungszentrum Jiilich &
JARA, Jiilich 52425, Germany — 2Faculty of Physics & CENIDE,

University of Duisburg-Essen, 47057, Duisburg, Germany

Many-body phenomena are paramount in physics. In condensed mat-
ter, their hallmark is considerable on a wide range of material charac-
teristics spanning electronic, magnetic, thermodynamic and transport
properties. In this talk, we address systematically zero-bias anomalies
detected by scanning tunneling spectroscopy on Co atoms deposited on
Cu, Ag and Au(111) substrates, which remarkably are almost identi-
cal to those obtained from first-principles [1]. These features originate
from gaped spin-excitations induced by a finite magnetic anisotropy en-
ergy, in contrast to the usual widespread interpretation relating them
to Kondo resonances. Resting on relativistic time-dependent density
functional and many-body perturbation theories, we furthermore un-
veil a new many-body feature, the spinaron, resulting from the in-
teraction of electrons and spin-excitations localizing electronic states.
Besides Co, we will show examples of anomalous spin-excitations char-
acterising adatoms on Nb(110) surface [2,3].

[1] Bouaziz, Guimaraes, Lounis, Nat. Commun. 11, 6112 (2020);
[2] Brinker, Kiister, Parkin, Sessi, Lounis, Science Adv. 8, eabi7291
(2022); [3] Kiister, Montero, Guimaraes, Brinker, Lounis, Parkin, Sessi,
Nat. Commun. 12, 1108 (2021).

O 71.4 Thu 16:00 S051
Real-space observation of the Kondo effect in MoS2 mir-
ror twin boundaries — CaMitEL vaN EFrereN!, JEisoN FiscHER!,
AcHiM Roscu?, THoMmas MicHELY!, and eWouTeEr JoLie! — 1II.
Physikalisches Institut, Universitit zu Koéln — 2Institut fiir Theoretis-

che Physik, Universitdt zu Kéln

Finite mirror twin boundaries in monolayer MoS2 on graphene confine
strongly correlated one-dimensional electronic states [1]. Using scan-
ning tunneling microscopy and spectroscopy, we observe a resonance
at the Fermi energy when the highest occupied confined state is filled
with one electron. Magnetic field and temperature-dependence of the
resonance unambiguously point to the Kondo effect, i.e., screening of
the spin—% confined state within the mirror twin boundary. Theoret-
ical models for both Kondo resonance and spin—% state are used to
extract the Kondo coupling strength. Real-space mapping gives access
to the correlated beating of both confined state and Kondo resonance
along the boundary. Hence, our experiments reveal the behavior of
the Kondo effect for a delocalized electronic state on the atomic scale.

[1] Jolie et al., Phys. Rev. X 9, 011055 (2019)

O 71.5 Thu 16:15 S051
Moiré tuning of spin excitations: individual Fe atoms on
MoS2/Au(111) — eCurisTiaN LoTze!, SErRGEY TrisHIN', NiLs
BoapaNorF!, FELix voN OppEN?, and KATHARINA J. FRANKE!
IFachbereich Physik, Freie Universitit Berlin, 14195 Berlin, Germany
— 2Dahlem Center for Complex Quantum Systems and Fachbereich
Physik, Freie Universitidt Berlin, 14195 Berlin, Germany

Magnetic adatoms have been investigated on various surfaces in re-
gard to stabilizing, controlling and manipulating single quantum spins.
Here, we study individual iron atoms adsorbed on a single layer of
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molybdenum disulfide (MoS2) on a Au(111) crystal. MoSs has been
recently reported as a well-suited system for decoupling molecules. We
show that the Fe atoms are largely decoupled from the Au(111) sub-
strate with the remaining coupling strength varying along the moiré
structure. As a consequence, the spectroscopic fingerprints range from
pure inelastic excitations to Kondo resonances. Moreover, we see spa-
tial variations of those excitations over one atom, which result from the
formation of Fe-S hybrid states and interference effects. In conclusion,
our work establishes MoSs on Au(111) as a tuning layer for quantum
spin properties. This tuning can be realized continuously.

O 71.6 Thu 16:30 S051
Spin excitations on hexagonal zinc oxide — eLLUuKkAS ARNHOLD,
HenrIK LicHTL, LEON RULLKOTTER, NicoLAaJ BETz, SUSANNE BAu-
MANN, and SEBASTIAN LoTH — University of Stuttgart, Institute for
Functional Matter and Quantum Technologies, Stuttgart, Germany

Few-layer materials are widely used to tailor different electronic prop-
erties, down to the atomic level. We use a double layer of ZnO, a
hexagonal wide bandgap semiconductor [1], to mitigate electron scat-
tering between the Ag (111) substrate and Co atoms deposited on the
ZnO surface. With low-temperature scanning tunneling microscopy we
observe spin excitations and the ability to manipulate transition metal
atoms on the surface into hexagonal arrangements. These findings
make ZnO a viable candidate for resonant spin spectroscopy methods
[2,3] and construction of geometrically frustrated magnetic structures.

[1] A. Shiotari et al., J. Phys. Chem. C 118, 27428 (2014). [2]
S. Baumann et al., SCIENCE 350, 417 (2015). [3] M. Hénze et al.,
SCIENCE ADVANCES 7, eabg2616 (2021).

Topical Talk O 71.7 Thu 16:45 S051
Stochastic resonance as a new tool to investigate spin dynam-
ics — eSusaNNE Baumann!, NicoLas Berz!, Max Hinze!, GRre-
GORY McMURTRIE!, Susan CoPPERSMITH?, and SEBASTIAN Lora!
— University of Stuttgart, Institute for Functional Matter and Quan-
tum Technologies, Stuttgart, Germany — 2School of Physics, Univer-
sity of New South Wales, Sydney, Australia

Stochastic resonance is an unusual phenomenon in which noise can
be used as a resource to synchronize stochastic dynamics to a control
signal [1,2]. In this talk, I will show how stochastic resonance can be
induced in the spin switching of magnetic nanostructures on surfaces
[3], and, more importantly, how we can use this as a tool to investigate
the magnetization dynamics of these spin systems.

With this tool, one can get insight into the interaction of these struc-
tures with their environment. This also enables the observation of ul-
trafast dynamics of excited spin states that are not easily accessible
to other scanning probe techniques. The new frequency resolved spec-
troscopy method allows for the broadband observation of spin dynam-
ics with previously inaccessible bandwidth ranging from milliseconds
to picoseconds.

References: [1] R. Benzi, J. Phys. A: Math. Gen 14, L453 (1981).
[2] R. Lofstedt, S. N. Coppersmith, Phys Rev. Lett. 72, 1947 (1994).
[3] M. Hénze*, G. McMurtrie* et al. Science Adv. 7 eabg2616 (2021).

O 71.8 Thu 17:15 S051
Path-resolved measurement of ultrafast spin dynamics —
eNicoras Berz!, Max Hinze!2, GREGORY MCMURTRIE!, SUSANNE
Baumann!, and SeBasTiaN LoTta!2 — University of Stuttgart, In-
stitute for Functional Matter and Quantum Technologies, Stuttgart,
Germany — 2Max Planck Institute for Solid State Research, Stuttgart,
Germany

Transitions between quantum mechanical states are fundamentally
random processes. While it is possible to directly observe individual
quantum jumps [1] in a time resolved measurement (2], the dynamics of
many systems exceed the resolution of real time measurements. This
requires the use of time-averaged measurements such as pump probe
experiments. These methods typically measure state occupation times
and contain little information about the relaxation process itself. Here,
we introduce a dynamic response measurement that is sensitive to the
switching path between spin states and can be applied in scanning tun-
neling microscopy. By using stochastic resonance [3], this method re-
solves spin- switching dynamics of magnetic atoms and nanostructures
ranging from milliseconds to picoseconds. Crucially, in more complex
spin structures the measurement can distinguish multiple switching
paths between higher excited states. This provides deeper insight into
ultrafast spin dynamics than possible with relaxometry.

[1] Th. Sauter, et al. Phys. Rev. Lett. 57, 1696 (1986).

[2] M. Hénze, et al. Sci. Adv. 7, 33 (2021).
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[3] R. Lofstedt, et al. Phys. Rev. Lett. 72, 1947 (1994).

O 719 Thu 17:30 S051
Growth and magnetic characterization of thermally robust
cobalt islands on Cu3Au(111) — eALeS CaHLiK, DAaNYANG Liu,
Berk ZenciIN, and FABIAN NATTERER — Institute of Physics, UZH,
Zurich, Switzerland

Due to a larger tunability of the effective lattice parameter, bimetallic
alloys can be an appealing choice as an alternative substrate for the
growth of thin films and nanostructures. In this respect, we investigate
CuszAu(111) as a platform for the growth of cobalt nano-islands. Us-
ing STM, we demonstrate unique thermal stability of Co/CuzAu(111)
up to ~ 340°C, compared to the fast intermixing of Co/Cu(111) at
room temperature. We explore the structural and magnetic properties
of the Co islands with spin-polarized and nickelocene functionalized
tips. Finally, we find an effective method to produce spin-polarized
tips by deliberately lifting off an entire island from the substrate and
transferring it to the STM tip.

O 71.10 Thu 17:45 S051
Transport in the Rashba-split surface state of (V3 x
V3)Bi/Ag(111)R30° revealed by MONA eMARKUS

Leisecang, Parrick HARTL, and MarTHIAS BopE — Physikalis-
ches Institut, Experimentelle Physik II, Universitdt Wirzburg, Am
Hubland, D-97074 Wiirzburg, Germany

Transport measurements that are sensitive to the band structure of
a material require techniques that operate on the length scale of the
charge carrier’s mean free path. A novel method that fulfills this re-
quirement is the molecular nanoprobe (MONA), which uses a single
molecule to detect charge carriers [1].

In this study, we investigate the rotation and tautomerization of ph-
thalocyanine molecules on the (v/3 x v/3)Bi/Ag(111) R30° surface and
utilize these excitations to investigate transport in the Rashba-split
surface state characteristic for this surface [2]. We find that both ex-
citation processes are driven by the N-H stretching mode and can be
triggered by a single electron [3]. Our transport measurements proof
the sensitivity to hot charge carriers which preferably propagate in the
Rashba-split surface state of the BiAgy alloy. The expected impact of
the spin-momentum-locking of this Rashba-split surface state on the
surface transport is discussed and first experimental results obtained
with spin-polarized tips will be presented.

[1] M. Leisegang et al., Nano Lett. 18, 2165—2171 (2018)
[2] C. R. Ast et al., Phys. Rev. Lett. 98, 186807 (2007)
[3] J. Kiigel et al., Journ. Phys. Chem. C 121, 2820428210 (2017)

O 72: 2D Materials 3: hBN and Electronic Structure

Time: Thursday 15:00-17:00

O 72.1 Thu 15:00 S052
Electronic Structure of Two-Dimensional CoO2 — ANN JULIE
U. Hovrr!, Sauar PakpiL!, JONATHAN RODRIGUEZ-FERNANDEZZ,
Yu Zuanc?, Davipe Curcio!, Zuaozone Sun?, Paoro Lacovic?,
Yonag-XIN Yao%7, Jeppe V. Lauritsen?, Sivano Lizzir®, NicoLa
Lanatal:8 PaiLip Hormann!, Marco Biancur!, and e CHARLOTTE
E. SanDERsS? — 1Dept. of Physics and Astronomy, Interdisciplinary
Nanoscience Center (iNANO), Aarhus Univ., 8000 Aarhus, DK —
2Dept. of Physics, Univ. of Oviedo, Oviedo 33007 ES — 3UK Central
Laser Facility, RCaH, STFC RAL, Didcot, Oxfordshire OX11 0QX,
UK — “Interdisciplinary Nanoscience Center (iNANO), Aarhus Univ.,
8000 Aarhus, DK — ®Elettra Sincrotrone Trieste S.C.p.A., AREA Sci-
ence Park, Strada Statale 14, km 163.5, 34149 Trieste, IT — %Ames
Laboratory U.S.-DOE, Ames, IA 50011, USA — "Dept. of Physics
and Astronomy, Iowa State Univ., Ames, IA 50011, USA — 8Nordita,
KTH Royal Institute of Technology and Stockholm Univ., Roslagstulls-
backen 23, 10691 Stockholm, SE

The transition metal oxide CoO2 forms bulk layered structures that
exhibit complex correlated electronic states. However, little has been
known about the electronic properties of the isolated single layer. We
have now [1] studied CoO2/Au(111), using angle-resolved photoemis-
sion spectroscopy, x-ray photoelectron diffraction, and density func-
tional theory. The results of our study show single-layer CoO2 to be
metallic, with electronic correlations. They emphasize the interest of
oxides as a new subject within two-dimensional materials research. [1]
2D Mater. 8 (2021) 035050.

O 72.2 Thu 15:15 S052
Unified Treatment of Magnons and Excitons in Monolayer
CrI3 from Many-Body Perturbation Theory — eTHOMAS
OLseEN — Technical University of Denmark

We present first principles calculations of the two-particle excitation
spectrum of CrI3 using many-body perturbation theory including spin-
orbit coupling. Specifically, we solve the Bethe-Salpeter equation,
which is equivalent to summing up all ladder diagrams with static
screening, and it is shown that excitons as well as magnons can be
extracted seamlessly from the calculations. The resulting optical ab-
sorption spectrum as well as the magnon dispersion agree very well
with recent measurements, and we extract the amplitude for optical
excitation of magnons resulting from spin-orbit interactions. Impor-
tantly, the results do not rely on any assumptions of the microscopic
magnetic interactions such as Dzyaloshinskii-Moriya (DM), Kitaev, or
biquadratic interactions, and we obtain a model independent estimate
of the gap between acoustic and optical magnons of 0.3 meV. In addi-
tion, we resolve the magnon wave function in terms of band transitions
and show that the magnon carries a spin that is significantly smaller
than A. This highlights the importance of terms that do not commute
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with S, in any Heisenberg model description.
[1] T. Olsen, Phys. Rev. Lett. 127, 166402, (2021)

O 72.3 Thu 15:30 S052
Excitons in two-dimensional magnetic semiconductors —
eMARIE-CHRISTIN HEISSENBUTTEL, THORSTEN DEILMANN, PETER
KRUGER, and MicHAEL RoHLFING — Institute of Solid State Theory,
University of Miinster, Germany

Semiconducting two-dimensional magnets exhibit peculiar interrela-
tion between magnetic properties and light-matter interaction. We
will present and discuss ab-initio GW /Bethe-Salpeter equation calcu-
lations to examine excitonic states in different magnetic systems.
Due to the hexagonal crystal structure the out-of-plane ferromagnetic
monolayer Crlz came to the fore for the construction of heterobilayers
with transition-metal dichalcogenides [1]. Due to coupling effects the
magnetic properties are transferred and can be observed in a splitting
and a modified Zeeman effect of the excitons. On the other hand,
CrSBr shows in-plane magnetization in combination with a large crys-
tal anisotropy. This is reflected in the quasi-1D behavior of different
opto-electronic properties [2].

[1] Nano Lett. Lett. 21, 5173-5178 (2021)

[2] https://arxiv.org/abs/2205.13456

O 724 Thu 15:45 S052
Nanoscale view of massive Dirac quasiparticles in
lithographic superstructures eALFRED Jones!, LENE
GAMMELGAARD?, DEEPNARYAN Biswas!, MIKKEL SAUER®, ROLAND
Kocu?, Curis Jozwiak?, ELi RoTENBERG?, AARON BosTwick?,
KENJI WATANABE®?, TakasHl TanicucHI?, Cory DEaN®, TrHOMAS
PEDERSEN3, ANTTI-PEKKA Jauno?, PETER BocciLb?, BJARKE
Jessen®, and Sgren UrsTrRup! — !Aarhus University, Denmark
— 2Technical University of Denmark, Denmark — 3Aalborg Univer-
sity, Denmark — 4Advanced Light Source, USA — 5National Institute

for Materials Science, Japan — %Columbia University, USA

Massive Dirac quasiparticles play a central role in a number of emerg-
ing physical phenomena such as topological phase transitions and
anomalous Hall effects. Single-layer graphene appears to be an ideal
platform to explore such properties, however engineering the transition
from massless to massive Dirac quasiparticles in a controllable fashion
remains a significant challenge. Here, we employ angle-resolved pho-
toemission with a nanoscale light spot (nanoARPES) to directly mea-
sure the electronic structure modifications induced by lithographic pat-
terning of an antidot superlattice onto a graphene device. We observe
a transition from massless Dirac fermions in the pristine graphene to
a massive character in patterned regions, and determine that the mass
scales linearly with antidot diameter, consistent with theory. Gate-
induced electron-doping of the patterned graphene produces an en-



Regensburg 2022 — O

Thursday

hancement of the mass, highlighting the versatility of nanopatterned
graphene as a platform for engineering such quasiparticles.

O 72.5 Thu 16:00 S052

Tuning lower dimensional superconductivity with hy-
bridization at a superconducting-semiconducting interface
— eANAND Kamrapure!, ManNueL SiMonarol!, EwmIL SIERDA!,
MANUEL STrEINBRECHER!, Umut KamBER!, ErLze J. KnoL!, PE-
TER KROGSTRUP2, MIkHAIL I. KaTsnELson!, MALTE ROsNER!, and
ALEXANDER A. KnaJeEToorians! — !Institute for Molecules and
Materials, Radboud University, 6525 AJ Nijmegen, the Netherlands
— 2Center for Quantum Devices, Niels Bohr Institute, University of

Copenhagen, 2100 Copenhagen, Denmark

Study of influence of interface electronic structure on the supercon-
ductivity (SC) in lower dimensions is important to tune SC in view
of its applications to gated superconducting electronics, and supercon-
ducting layered heterostructures. Here, using ultra-low temperature
scanning tunneling microscopy and spectroscopy, we demonstrate the
formation of hybrid electronic structure at the interface between a lead
film and black phosphorus. We show that interfacial hybridization
weakly modifies the confinement potential and leads to a renormal-
ization of the superconducting gap and a strong modification of the
observed vortex structure. Using ab initio methods combined with
analytical modeling, we link the renormalized gap to a weighting of
the superconducting order parameter in reciprocal space. These re-
sults illustrate that interfacial hybridization can be used to tune SC
in quantum technologies based on lower dimensional superconducting
electronics. Reference: arXiv:2109.08498 (2021).

O 72.6 Thu 16:15 S052
Diversity of defect-related excitons in hBN from ab initio
calculations — eALEXANDER KIRCHHOFF, THORSTEN DEILMANN,
PeETER KRUGER, and MIcHAEL ROHLFING — Westfilische Wilhelms-
Universitat Miinster, Institut fiir Festkorpertheorie, Wilhelm-Klemm-
Strafie 10, 48149 Miinster

While pristine hexagonal boron nitride (hBN) is an insulator with an
optical gap of ~5¢eV, point defects in this material are discussed as
single-photon emitters in the visible optical spectrum. In this study,
we examine different defects consisting of carbon or oxygen substitu-
tions and vacancies in an hBN monolayer from an ab initio approach,
via the GW /BSE approximation. Our results show deep defect states
and defect-related excitations with energies in the visible regime. We
present a detailed analysis of their structure and energetic composi-
tion and furthermore discuss the dependence of the excitonic spec-
trum on the geometry. Finally, we present a defect of two carbon sub-
stitutions adjacent to a divacancy, which shows an antiferromagnetic
ground state.

O 72.7 Thu 16:30 S052
Engineering magnetic interactions in magnetic thin films
with two-dimensional materials — eHaNGYU ZHOU'2, MANUEL
pos Santos Diash34 WEisHENG ZHao?, and SamiR Lounis!:3
— !Peter Griinberg Institut and Institute for Advanced Simulations,
Forschungszentrum Jiilich & JARA, 52425 Jiilich, Germany — 2School
of Integrated Circuit Science and Engineering, MIIT Key Laboratory
of Spintronics, Beihang University, Beijing 100191, China — 3Faculty
of Physics, University of Duisburg-Essen and CENIDE, 47053 Duis-
burg, Germany — “Scientific Computing Department, STFC Dares-
bury Laboratory, Warrington WA4 4AD, United Kingdom

Two-dimensional (2D) materials have received great attention due to
their unique physical and chemical properties and ease of integration
in heterostructures, which can lead to improved magnetic properties.
Here, we explore with density functional theory calculations the im-
pact of monolayers of graphene and hexagonal boron nitride (h-BN)
on the magnetism and structural properties of a Co monolayer placed
on Pt(111) and Au(111) surfaces. In particular, we investigate how
the magnetic interactions, such as the Heisenberg exchange interac-
tion and the Dzyaloshinskii-Moriya interaction (DMI), are influenced
by the 2D monolayer and by structural reconstructions, which in turn
can be utilized to ignite complex spin-textures. These results may
contribute to an enhanced tunability of skyrmion formation in such
composite magnetic heterostructures.

O 72.8 Thu 16:45 S052
Threshold Energies for Defect Production in 2D Materials
under Low Energy Ion bombardment: Insights from ab-
initio Molecular Dynamics — eSivaN KRETSCHMER, SADEGH
GHADERZADEH, STEFAN Facsko, and ARKADY V. KRASHENINNIKOV
— Helmholtz-Zentrum Dresden-Rossendorf, Germany

Low energy ion implantation (LEII) provides a valuable tool to tune
the mechanical, electronic and catalytic properties of 2D materials by
the targeted implantation of impurities. In contrast to ion irradia-
tion at higher energies the commonly applied binary collision formula
fails to describe the outcome of the irradiation process for ions close
to the displacement energy, that is the minimum ion energy needed
to displace the target atom. The dominating influence of the chem-
ical interaction of projectile and target atoms and its effect on the
displacement energy are adressed in this work. For that, we carried
out ab-initio molecular dynamics (MD) simulations for a broad range
of projectiles (elements Hydrogen to Argon) impacting on graphene
and h-BN, and determined the energies needed to displace C, N and
B atoms, respectively. We further present and validate a scheme to
incorporate the effect of spin-polarization on the displacement process
- as spin-polarized ab-initio MD runs tend to fail at bond-breaking.

O 73: Electronic Structure of Surfaces 1

Time: Thursday 15:00-17:45

O 73.1 Thu 15:00 S053
Rashba-split image-potential state at Re(0001) — eFaBIAN
SCHOTTKE, SVEN SCHEMMELMANN, PETER KRUGER, and MARKUS
Donatn — Westfilische-Wilhelms-Universitat Miinster, Germany

Since image states are located mainly in the vacuum in front of the
surface, the influence of spin-dependent interactions on these states is
a topic of ongoing debate in the literature. In particular, calculations
predict Rashba-type spin splittings for image states [1], but experimen-
tal results of small spin splittings are controversial [2,3|. In addition,
these two-photon-photoemission results using circular dichroism pro-
vide only indirect information about the spin polarization of states.

We measured the unoccupied surface electronic structure of
Re(0001) with spin- and angle-resolved inverse photoemission. This
method allows to investigate the spin orientations directly. We iden-
tified the n 1 image state at a binding energy of Ey — E
0.68 £ 0.04 eV and with an effective mass of m* /m. = 1.2+£0.1. Care-
ful spin-resolved measurements for several angles of electron incidence
allowed us to detect Rashba-type spin-dependent energy splittings of
this state with a Rashba parameter of ag = 105 4 33 meV A [4].

[1] McLaughlan et al., J. Phys.: Condens. Matter 16, 6841 (2004).

[2] Tognolini et al., Phys. Rev. Lett. 115, 046801 (2015).

[3] Nakazawa et al., Phys. Rev. B 94, 115412 (2016).
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[4] Schottke et al., Phys. Rev. B 105, 155419 (2022).

O 73.2 Thu 15:15 S053
Rashba-split surface state and spin-dependent photon
emission from Re(0001) at T — eSveEN SCHEMMELMANN!,
FaBiaN ScHOTTKE!, PETER KRUGER?, and Markus Donaru! —
1Physikalisches Institut, Westfilische Wilhelms-Universitét, Miinster
— 2Institut fiir Ferstkorpertheorie, Westfilische Wilhelms-Universitit,

Miinster

The unoccupied electronic structure of the Re(0001) surface around
the center of the surface Brillouin zone was investigated by spin- and
angle-resolved inverse photoemission [1]. The detected states were
studied with respect to intrinsic and extrinsic spin-polarization effects.
A surface state with Rashba-type spin splitting is detected close to the
Fermi level, that disperses downward below the Fermi energy. Fur-
thermore, for normal electron incidence, we observed spin-dependent
photon emission from unpolarized bulk and surface states. The sign of
the observed spin asymmetry varies for different states and depends on
experimental parameters such as electron spin-polarization direction
and photon-detection angle. Maximum spin asymmetry is observed if
the electron spin polarization and the plane of photon emission are per-
pendicular. The asymmetry is zero if both are parallel [2]. The effect
is traced back to the spin-orbit-induced hybridization of the involved
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states.
[1] S. Schemmelmann et al., Physical Review B 104, 205425 (2021)
[2] E. Tamura and R. Feder, Solid State Commun. 79, 989 (1991)

O 73.3 Thu 15:30 S053
Distinct Tamm and Shockley surface states on Re(0001) -
mixed by spin-orbit interaction — eMarceL HoLrmMaNN!, PETER
Kroger!, Koj1 Mrvamoro?, Taicur Oxkupa?, PascaL J. Grenz!,
Surv Kumar?, and Markus DonaTH! — Physikalisches Institut,
Westfilische Wilhelms-Universitat Minster, Wilhelm-Klemm-Strafte
10, 48149 Miinster, Germany — 2Hiroshima Synchrotron Radiation
Center, Hiroshima University, 2-313 Kagamiyama, Higashi-Hiroshima
739-0046, Japan

Tamm and Shockley states - two paradigmatic concepts are used to de-
scribe surface states not only in electronic systems but also in photonic
and phononic crystals. The Re(0001) surface hosts both types of elec-
tronic surface states in neighboring but qualitatively different energy
gaps. Interestingly, spin-orbit interaction generates a double "W"-
shaped energy vs. k| dispersion by mixing both types of states and lift-
ing their spin degeneracy. By combining spin- and angle-resolved pho-
toemission, tight-binding model calculations as well as density func-
tional theory including the photoemission process, we develop verifi-
able criteria to distinguish between the two types of surface states and
arrive at a consistent picture of the role of spin-orbit interaction in
such a scenario.

O 73.4 Thu 15:45 S053
Electronic structure of a square Te adlayer on Au(100)
surface — eBEGMUHAMMET GELDIYEV', TILMAN KISSLINGERZ,
PuiLipp Eck3, MaximiLian UnzeLmann!, Tim FiceEMEIER!, JAKUB
Scuusser!, Nikorar Tezak!, Lurz HaMMER2, M. ALEXANDER
ScuNEIDER?, DoMENICO D1 SANTE3, GIoRGIO SANGIOVANNI®, HEN-
DRIK BENTMANN!, and FRrIEDRICH REINERT! — !Experimentelle
Physik 7 and Cluster of Excellence ct.qmat, Universitit Wiirzburg
— 2Lehrstuhl fiir Festkérperphysik, Universitit Erlangen-Niirnberg —
3Institut fiir Theoretische Physik und Astrophysik and Cluster of Ex-

cellence ct.qmat, Universitdt Wiirzburg

In light of several theoretical predictions regarding the so-called square
tellurene [1, 2], the growth and the electronic structure of Te deposited
on a Au(100) surface is reported. At a coverage of 1/4 monolayer, Te
forms a p(2 x 2) square lattice of adatoms on Au(100) as determined by
a thorough LEED-IV characterization (Rp = 0.085) and STM. Utiliz-
ing angle-resolved photoemission spectroscopy and density functional
theory an interface-like state with mixed Te py, and Au d orbital
character is identified in addition to a complex multitude of backfolded
bands of the substrate. Vastly differing Rashba parameters along the
XG and XM lines cannot be explained within an (anisotropic) Rashba
picture. The spin splitting rather depends on the momentum space
texture of the atomic orbitals. Our work may stimulate further exper-
imental explorations of symmetry and topology effects in 2D square-
lattice systems. [1| Xian et al., 2D Mater. 4, 041003, (2017)

[2] Zhang et al., Phys. Rev. B 98, 115411, (2018)

O 73.5 Thu 16:00 S053
Interplay of exchange and spin-orbit interaction in ultra-
thin Ni films on W(110) — ePascaL Jona Grenz!, PeTER
KrUGER?, and MarRkUs Donara! — 1Physikalisches Institut, West-
falische Wilhelms-Universitat Miinster, 48149 Miinster, Germany
— 2Institut fiir Festkdrpertheorie, Westfalische Wilhelms-Universitét
Miinster, 48149 Miinster, Germany

Ferromagnetic adsorbates on high-Z substrates are prototypical sys-
tems for studying the combined influence of spin-orbit and exchange
interaction on electronic states [1,2]. The unoccupied electronic states
of ultrathin Ni films on W(110) were investigated with spin- and angle-
resolved inverse photoemission. Measurements were performed along
TN (T M with respect to the Ni(111) surface Brillouin zone), where the
quantization axis of the Rashba-spin component is collinear to the easy
magnetization axis. Remarkably, the observed unoccupied Ni-derived
exchange-split states change their energy-momentum dispersion upon
magnetization reversal. Density functional theory calculations show
that this phenomenon is a consequence of substrate-induced spin-orbit
coupling within the Ni adlayers.

[1] P. Moras et al., Phys. Rev. B 91, 195410 (2015)

[2] P.J. Grenz et al., J. Phys.: Condens. Matter 33, 285504 (2021)

O 73.6 Thu 16:15 S053
ARPES studies of Hf(0001) monocrystal: experiment and
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theory — eSALEEM Avaz KnHan!, LaurenT Nicovrarl, JEAN

ZARAKET?3 MARIA CHRISTINE RicHTER?3, OLIVIER HECKMANNZ:3,
LaxMaN Naci ReEppy?3, WaLy Npiave?3, Mauro FanciuLLi?3,
KaroL Hricovini?3, and JAN MiNAR! — INTC, Univiversity of West
Bohemia, Plzefi, Czech Republic — 2LPMS, CY Cergy Paris Univer-

sity, France — 3DRF, IRAMIS, LIDYL, CEA Saclay, France

We present first ARPES studies of the electronic structure of the
Hf(0001) surface. High-Z materials have attracted much interest, be-
cause the strong spin-orbit coupling in combination with the broken
inversion symmetry and an important effective electric field at the sur-
face results in a spin-momentum locking. Spin-polarized electrons at
the surface are of interest in physics and novel applications in electron-
ics and data processing. Extra sharp peaks observed in experiment are
identified thanks to ab-initio calculations performed within the SPR-
KKR package. These extra states come from oxygen contamination of
the highly reactive surface of Hf(0001). Further comparison is done
on the ARPES level, thanks to the one-step model which include all
matrix elements effect, resulting in an excellent agreement.

O 73.7 Thu 16:30 S053
Establishing fundamentals of ARPES spin textures with
model material PtTe, — eMoHAMMED QAHOsH, HONEY BoOBAN,
X1a0 Hou, CLAaus-MICHAEL SCHNEIDER, and Lukasz PLUCINSKI —
Electronic Properties-Peter Griinberg Institute (PGI-6).

A novel quantum material PtTes is used to establish the connection
between ARPES spin textures and initial state spin textures. PtTes is
predicted to host Dirac type-1I fermions and a number of application-
relevant properties. The crystal structure of the most stable 1T-PtTe2
polytype is trigonal, belongs to the space group 164 (P3m1), and ex-
hibits 3-fold mirror planes and inversion symmetry. Since bulk 1T-
PtTez is both inversion-symmetric and non-magnetic, no bulk spin-
polarized bands are allowed due to the Kramers degeneracy. At the
surface, spin polarization is expected due to the broken inversion sym-
metry, however, it must obey the mirror and time-reversal symmetries.

‘We measured the dependence of spin-polarization on the symme-
tries of the ARPES experiment. This is performed in two geometries,
with the reaction plane parallel to K-I'-K and M-I'-M reciprocal di-
rections, i.e. either along or orthogonal to the crystal mirror plane.
The measured spin texture is symmetric when the reaction plane is
parallel to K-I'-K. However, we could see asymmetries in the spin tex-
ture when the reaction plane is parallel to M-I'-M. Such asymmetries
are not allowed in the initial state and illustrate the mechanism of
geometry-induced spin filtering in ARPES.

O 73.8 Thu 16:45 S053
Surface doping of the MnBisTe, family by rubidium depo-
sition — eKLARA VOLCKAERT!, PAULINA MAJCHRzAK!, RAPHAEL
DuBourG!, ZuiHao Jianc!l, Xing-CHEN Pan?, Yonc CHEN!, and
S@REN ULSTRUP! — !Department of Physics and Astronomy, Aarhus
University, Denmark — 2Advanced Institute for Materials Research,
Tohoku University, Japan

Intrinsic magnetic topological insulators, in the form of MnBisTey,
have recently been realised as a remarkable platform to study quantised
magnetoelectric phenomena. Here we look into the surface electronic
structure during rubidium deposition in a combined angle-resolved
photoemission and core level study. We find that for MnBisTey,
the initial electron doping effect from the adsorbed rubidium atoms
is small. However, deposition on the higher stoicheometry compound
MnBisTe7 leads to a dramatic modification of the electronic structure,
which is different for the surface terminated by a BizTes quintuple layer
compared to a MnBisTey septuple layer. Additionally, high rubidium
deposition rates lead to a change of the electronic structure including a
shift of the valence bands towards the Fermi level for both compounds,
presumably due to Rb-Te-Bi alloying. A distinct quantization of the
valence states is simultaneously observed. These results are the first
to explore the tunability of electronic states the surface terminations
of MnBisTe7 with in situ alkali doping and substitution, which could
modify the surface magnetic ordering.

O 73.9 Thu 17:00 S053
Theoretical and experimental HARPES study of Weyl-
semimetal TaAs: The application of machine-learning —
eTrUNG-PHUC Vo!, ARriaN ARaB?, SuNIL WILFRED D’Souzal,
LAaurReNT Nicorail, Tien-Lin Ler3, NitesH Kumar?, CLAUDIA
FeLseEr?, ALEXANDER GRAYZ, and JAN MINAR! — !New Technologies
- Research Centre, University of West Bohemia, 301 00 Pilsen, Czech

Republic — 2Department of Physics, Temple University, Philadelphia,
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Pennsylvania 19122, USA — 3Diamond Light Source Ltd., Didcot, Ox-
fordshire OX11 0DE, United Kingdom — 4Max Planck Institute for
Chemical Physics of Solids, Néthnitzer Str. 40, 01187 Dresden, Ger-
many

The electronic structure properties of tantalum arsenide (TaAs), a
Weyl semimetal, have been studied by soft and hard X-ray angle-
resolved photoemission spectroscopy (ARPES) at energies of 440 eV
and 2150 eV, respectively. For the first time, TaAs is experimentally
investigated by the bulk sensitive photoemission in the hard X-ray
regime. In order to interpret experimental data we performed one-step
model of photoemission calculation which includes all matrix elements
and final state effects. Due to the strong photon momentum effects and
uncertainty in the tilt of experimental geometry we used a so-called
machine learning algorithm combined with a free-electron final-state
model to find best possible experimental parameters. Our findings
re-emphasize the overwhelming accuracy of hard X-ray ARPES com-
pared to the traditional ultraviolet and soft X-ray one in case of bulk
electronic structure, motivating further material discoveries.

0 73.10 Thu 17:15 S053
Electron correlation in SrTiO3 studied by double photoe-
mission spectroscopy with a MHz high-order harmonics
laser source — eRoBIN KaMRLA!, CHENG-TIEN CHIANG!2, FRANK
OLIvER ScHUMANN®, and WoLF Wippral — !Institute of Physics,
Martin-Luther-Universitat Halle-Wittenberg, Halle (Saale), Germany
— 2 Academica Sinica, Institute of Atomic and Molecular Sciences, Tai-
wan — 3Max Planck Institute of Microstructure Physics, Halle (Saale),
Germany

Photoelectron spectroscopy (PES) has provided deep insights into the
electronic structure of solids. However, correlation effects can only
be addressed indirectly. To observe such phenomena directly, double
photoemission (DPE) spectroscopy is able to detect pairs of correlated
photoelectrons that are emitted upon absorption of a single photon.
Upon surface near doping, SrTiO3 (001) with a bandgap of 3.4 eV
forms a two-dimensional electron gas (2DEG). In this contribution we

present PES and DPE data for SrTiO3 (001) with and without 2DEG
states at the surface, obtained by a high-order harmonic (HHG) light
source at 25.2 and 30.0eV. PES reveals a change in spectral weight
of the O2p states and a surface band bending of 250 meV upon flip-
ping SrTiO3 (001) into the 2DEG state and oxygen vacancy derived
states emerging within the bandgap. In DPE, a band-bending induced
shift of 500 meV, changes in the intensity of the O2p derived two hole
states as well as emission from vacancy-valence pairs are identified via
the two-electron sum energy spectrum. In addition, the role of Auger
decays for the shallow Srdp and O2s core level will be discussed.

O 73.11 Thu 17:30 S053
Doping of 1D topologically protected edge states on the (001)
surface of the topological crystalline insulator (Pb,Sn)Se
— oFLORIAN KELLER, ARTEM ODOBEskO, and MarTHIAS BODE
— Physikalisches Institut, Experimentelle Physik II, Universitat
Wiirzburg, Am Hubland, 97074 Wiirzburg, Germany

Topological crystalline insulators (TCI) are a class of materials with
topological protected surface states protected by crystalline symme-
try. A particularly popular representative of this material class is
(Pb,Sn)Se which exhibits four Dirac cones per Brillouin zone. It has
been shown that surface step edges with a height equivalent to an
odd number of atomic layers results in a topologically protected one-
dimensional edge state which is characterized by a peak at the Dirac
energy [1]. Theoretical analysis suggests that this state is caused by
the broken translation-invariance at the step edge and originates from
flat-dispersing bands which connect pairs of surface Dirac nodes [1].
Due to intrinsic doping, the energy of the edge modes of as-grown crys-
tals is usually well separated from the Fermi level. Here we investigate
the behavior of these one-dimensional edge modes during Fe surface
doping. Since Fe donates charge to p-doped PbSnSe, it results in a
downwards-bending of the surface band structure. We observe a peak
splitting as the Dirac energy gets close to the Fermi level. We discuss
the potential origins of this observation in terms of electron correla-
tions.

[1] Sessi, Paolo, Science 354, 6317 (2016)

O 74: Organic Molecules at Surfaces 5: Molecular Switches

Time: Thursday 15:00-18:00

O 74.1 Thu 15:00 S054
Reprogrammable molecular memory array based on chemi-
cal switching — eToBias Birk!, ANJA BAUER!, FABIAN PAscHKE!,
RAINER WINTER?, and MikHAIL FoNIN! — 1Fachbereich Physik, Uni-
versitit Konstanz, 78457 Konstanz, Germany — 2Fachbereich Chemie,

Universitiat Konstanz, 78457 Konstanz, Germany

Technology on a molecular base promises highly interesting innovations
for ultra-dense information storage devices and molecular electronics.
Recently, a molecular three-state switch based on triazatruxene (TAT)
on Ag(111) has been shown to have a great potential as data storage
unit [1].

Here, we demonstrate the precise manipulation of the switching char-
acteristics of individual TAT molecules within a 2D array using a low
temperature scanning tunneling microscope (STM). By using the tip of
the STM and the field applied within the contact, a successive pinning
of the molecule via alkyl groups is achieved, leading to a gradual sup-
pression of the current induced molecular switching. The possibility to
reversibly switch between differently pinned molecules in combination
with the three-level switching of the unpinned molecule offers the pos-
sibility to realize 9 states on a single molecule. We also demonstrate
that the intermolecular interaction between the switches within the 2D
array leads to a strong increase of the number of states, which can be
detected on a single TAT unit, yielding up to 24 distinguishable states.

[1] A. Bauer et al., Adv. Mater 32, 1907390 (2020)

O 74.2 Thu 15:15 S054
Uni-directional rotation of molecular motors on Cu(111) —
eMonNika ScHIiED'2, DEBorAH PrEezz1®, DonepONG Liu?, PETER
Jacosson®® | ELisa MoriNnari®, JaMEs M. Tour?, and LEONHARD
GriLL! — 1University of Graz, Austria — 2Elettra Sincrotrone Tri-
este, Italy — 3Nanoscience Institute of CNR, Italy — 4Rice University,
USA — 5The University of Queensland, Australia
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Artificial molecular motors that convert external energy into controlled
motion have seen great developments in the last decades [1]. While
many studies exist in solution, little is known how such functional
molecules behave on a surface. However, such a solid support can be
advantageous as it offers fixed points of reference as well as confine-
ment in two dimensions, making it easier to study the directionality
of their motion.

‘We have used low-temperature scanning tunnelling microscopy
(STM) to study single molecules with a so-called Feringa motor [2,3] on
a Cu(111) surface. It was found that rotations of individual molecules
can be induced over rather long distances by voltage pulses with the
STM tip. Importantly, these rotations show high directionality (clock-
wise or anticlockwise), which will be discussed in view of their specific
chemical structure and adsorption.

[1] W. R. Browne and B. L. Feringa, Nat. Nanotech. 1, 25 (2006)
[2] T. Kudernac et al., Nature 479, 208 (2011)
[3] A. Saywell et al., ACS Nano 10, 10945 (2016)

O 74.3 Thu 15:30 S054
Precise control of single-molecule motion on Ag(111) —
eDonaTo Civita, GRaANT SiMpPsoN, and LEONHARD GRILL — De-
partment of Physical Chemistry, University of Graz, Austria

The motion of molecules adsorbed on metal single crystal surfaces
is of fundamental importance in various fields such as heterogeneous
catalysis, and on-surface polymerization. During diffusion, however,
the motion of adsorbed molecules is characterised by random direction
changes and thus control is limited. Moreover, adsorbates in the sur-
roundings as well as substrate defects can strongly influence molecular
motion.

With the use of a scanning tunnelling microscope (STM) at low
temperature, we can control the motion of single di-bromo-ter-fluorene
(DBTF) molecules on a Ag(111) surface over distances of more than
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100 nm with picometric precision [1]. We find that a single molecule
can move strictly along one atomic row across the surface. The
molecule can be repelled or attracted by the STM tip, driven by an
interplay of van der Waals and electrostatic interactions. The large
spatial extension of the motion, and its unidimensional confinement
allow the direct measurement of the molecular velocity. Ultimately,
this system demonstrates the possibility of studying the influence of
surrounding adsorbates, crystal defects, and STM tip on the molecular
motion and velocity.

[1] D. Civita, M. Kolmer, G. J. Simpson, A.-P. Li, S. Hecht, L.
Grill, Control of long-distance motion of single molecules on a surface,
Science, Vol. 370, Issue 6519, pp. 957-960 (2020).

O 74.4 Thu 15:45 S054
Dynamics of a chiral molecular rotor under a scanning-
tunneling microscope — eRICHARD KORyTAR! and FERDINAND
Evers? — !Charles University, Prague — 2Universitit Regensburg

Motivated by an experimentally realized chiral molecular switch, we
devise a classical theory of the switching process, relevant for molec-
ular electronics. The system of interest is a chiral molecular rotor in
a scanning-tunneling setup, i.e. the switching occurs under the elec-
tric current. The molecule is modeled by a path in three dimensions.
The path is massive and can rotate around a fixed axis. The incident
electron traverses the path, inducing a torque on the path. We rep-
resent this two-body dynamics in a Lagrangian formalism. Switching
mechanism and switching rates are discussed.

O 74.5 Thu 16:00 S054
Bipolar single-molecule electrofluorochromism — eTzu-CHao
Hunc!, Roserro RobLes?, Brian Kirary!, Jurian H. STrik!,
BraM A. RurTEN!, ALEXANDER A. KHAJETOORIANS!, NicoLas
LoreNTEZ, and DaNIEL WEGNER! — Institute for Molecules and Ma-
terials, Radboud University, Nijmegen, The Netherlands — 2Centro de
Fisica de Materiales, CFM/MPC (CSIC-UPV/EHU), Paseo de Manuel
de Lardizabal 5, 20018 Donostia-San Sebastian, Spain

The interplay between the charge state and the fluorescence of a
molecule is not only important for the spectroscopic analysis of chemi-
cal reactions, but electrofluorochromic molecules can also be utilized in
displays, sensors, and switches. To understand the fundamental mech-
anisms on the single-molecule level, we studied the transient charged
state of zinc phthalocyanine (ZnPc) adsorbed on ultrathin NaCl films
on Ag(111) by combining scanning tunneling microscopy (STM) and
spectroscopy (STS) with STM-induced luminescence (STML). We
found evidence for both cationic ([ZnPc]T) and anionic ([ZnPc| ™) fluo-
rescence, depending on the polarity of the tip-sample bias. By carefully
mapping the molecular frontier orbitals over a wide energy range, cor-
relating them with onset energies for light emission and comparing with
results from DFT calculations, we propose an alternative charging and
electroluminescence mechanism. Our study provides new insights into
the tunability of molecular optical response, as well as novel aspects
toward utilization of bipolar electrofluorochromism in devices.

O 74.6 Thu 16:15 S054
Electronic Motor Based on Single Tripodal Chiral Molecule
— eJuLIAN SkoLAUT!, Lukas GERHARD!, Nico BALzZER?, MICHAL
VaLasek?, JAN WiLHELM?, PuiLipP MARKUS®, MARCEL Mayor?:3,
FERDINAND EvERs?, and WuLr WurLrHEKELY® — lInstitute for
Quantum Materials and Technologies, Karlsruhe Institute of Technol-
ogy, Eggenstein- Leopoldshafen, Germany — 2Institute of Nanotech-
nology, KIT, Eggenstein-Leopoldshafen, Germany — 3Department of
Chemistry, University Basel, Basel, Switzerland — “Institute of The-
oretical Physics, University of Regensburg, Regensburg, Germany —
5Physikalisches Institut, KIT, Karlsruhe, Germany

We present our results concerning a single molecular motor driven by
the current in an STM. Three anchoring groups fix the molecules to a
Au(111) surface. In specific ordered structures, the molecules adsorb
such, that the protruding head group is free to rotate. This chiral
group is supposed to perform a rotation in a preferred direction, pro-
posed to be driven based on the chiral-induced spin selectivity (CISS)
effect. At fixed tip positions above the molecules, three distinguishable
current levels can be observed. These are interpreted as metastable ro-
tational states. That way, two rotation directions can be defined. Via
binomial tests, we verify that the surplus of rotational switches in one
direction compared to the other is statistically significant. In voltage
and current dependent measurements, two interesting trends are ob-
served. Firstly, the rate of events decreases with increasing current.
Secondly, the asymmetry in the switching events shows non-monotonic
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behavior, depending on the voltage.

O 74.7 Thu 16:30 S054
Proton Transfer in Single Asymmetric Porphycene Molecules
— oSmmoN JAekeL}2, JacEk WaLuk®, and LEONHARD GRILL! —
IDepartment of Physical Chemistry, University of Graz, Austria —
2Chair of Physical Chemistry II, University of Erlangen-Niirnberg
(FAU), Germany — 3Polish Academy of Science, Warsaw, Poland

Studying single molecular switches is of interest for a better under-
standing of fundamental physical and chemical processes, but also
in view of their possible use in smart materials and nanoscale ap-
plications. It has been shown that switches based on tautomeriza-
tion, i.e. hydrogen transfer, are especially suited for scanning tunnel-
ing microscopy (STM) studies, because the electronic states near the
Fermi level are very sensitive to the position of the hydrogen atoms.
Experiments on symmetric molecules such as naphthalocyanine [1],
tetraphenyl-porphyrin [2], and porphycene [3| showed that the ener-
gies of the tautomers are degenerate, barring environmental modula-
tion. Thus, if one is interested in switching processes with preferential
switching directions between multiple states, structurally asymmetric
molecules are of particular interest.

Here, we report STM results of the tautomerization properties of 22-
Oxahemiporphycene, a derivative of porphycene with an asymmetric
macrocycle, on a metal surface.

[1] Liljeroth et al. Science, 317 (2007), 1203-1206

[2] Auwérter et al. Nature Nanotechnology, 7 (2011), 41-46

[3] Kumagai et al. Physical Review Letters 111 (2013), 246101

O 74.8 Thu 16:45 S054
Tuning the chirality change of a single molecule by van der
‘Waals interactions — eYuNjuN Cao and KARINA MORGENSTERN
— Physical Chemistry I, Ruhr-Universitdt Bochum, Bochum, Ger-
many

The chiral induction and control of molecules by non-covalent inter-
molecular interactions, like hydrogen bonding and van der Waals inter-
actions, is crucial to understand the origin of homochirality in nature.
However, it remains challenging to address these subtle intermolecu-
lar interactions at a single-molecular level, especially the weakest of
them, the van der Waals interactions. Here, by adsorbing a specifi-
cally designed carbene molecule on a copper surface, we examine the
influence of the van der Waals interactions on the chirality induction
by scanning tunneling microscopy. While the strongly binding carbene
center of this molecule suppresses any side-reactions upon excitation,
its two low-interacting phenyl rings facilitate a chirality change in-
duced by inelastically tunneling electrons. The potential energy of the
chirality change is modified by the van der Waals interactions in the
presence of a tip. A marginal change induces an asymmetric distribu-
tion of the carbene molecule between its two enantiomers during this
chirality change. Our study shows how the weak van der Waals inter-
actions alter the dynamics of chirality changes at the molecular level,
enabling an in-depth understanding of the origin of homochirality in
nature and providing new insights into the construction of homochiral
supramolecular assemblies in solutions and on solid surfaces.

O 74.9 Thu 17:00 S054
Lateral Force Microscopy Reveals the Energy Barrier of
a Molecular Switch — ALFRED JOoHN WEYMOUTH, ELISABETH
RiEGEL, eBianca SiMMET, OLIVER GRETZ, and FRrRANZ JOSEF
GiessiBL — Universitdt Regensburg, Regensburg, Germany

Copper phthalocyanine (CuPc) is a small molecule often used in or-
ganic light emitting diodes where it is deposited on a conducting elec-
trode. Previous scanning tunneling microscopy (STM) studies of CuPc
on Cu(111) have shown that inelastic tunneling events can cause CuPc
to switch between a ground state and two symmetrically equivalent
metastable states in which the molecule is rotated. We investigated
CuPc on Cu(111) and Ag(111) with STM and lateral force microscopy
(LFM). Even without inelastic events, the presence of the tip can in-
duce rotations and upon closer approach, causes the rotated states to
be favored. Combining STM measurements at various temperatures
and LFM measurements, we show that the long-range attraction of the
tip changes the potential energy landscape of this molecular switch. We
can also determine the geometry of the rotated and ground states. We
compare our observations of CuPc on Cu(111) to CuPc on Ag(111).
On Ag(111), CuPc appears flat and does not rotate. Stronger bonding
typically involves shorter bond lengths, larger shifts of energy levels,
and structural stability. Although the binding of CuPc to Cu(111)
is stronger than that on Ag(111), the nonplanar geometry of CuPc
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on Cu(111) is accompanied by two metastable states which are not
present on the Ag(111) surface.
ACS Nano, 15, 3264 (2021)

O 74.10 Thu 17:15 S054
Evidence of trion-libron coupling in chirally adsorbed single
molecules — oJ1ki DoLEZALY2, Soria CanorLal, PrRokor HaraLal,
Roprico FERREIRA!, PaBLo MERING3, and MarriNn Svec! —
Hnstitute of Physics, Czech Academy of Sciences; Cukrovarnicka
10/112, CZ16200 Praha 6, Czech Republic — 2Faculty of Mathemat-
ics and Physics, Charles University; Ke Karlovu 3, CZ12116 Praha
2, Czech Republic — 3Instituto de Ciencia de Materiales de Madrid;
CSIC, Sor Juana Inés de la Cruz 3, E28049 Madrid, Spain

Interplay between the motion of nuclei and excited electrons in
molecules plays a key role both in biological and artificial nanoma-
chines. Here we provide a detailed analysis of coupling between quan-
tized librational modes (librons) and charged excited states (trions)
on single phthalocyanine dyes adsorbed on a surface. By means of
tunnelling electron-induced electroluminescence, we identify libronic
progressions on a eV energy range in spectra of chirally adsorbed
phthalocyanines, which are otherwise absent from spectra of symmet-
rically adsorbed species. Experimentally measured libronic spectra
match very well the theoretically calculated libron eigenenergies and
peak intensities (Franck-Condon factors) and reveal an unexpected de-
population channel for the zero libron of the excited state that can be
effectively controlled by tuning the size of the nanocavity. Our results
showcase the possibility of characterizing the dynamics of molecules
by their low-energy molecular modes using peV-resolved tip-enhanced
spectroscopy.

O 74.11 Thu 17:30 S054
Design Principles for Metastable Standing Molecules — HabI
H. Arer1!, MarvIN KnoL!, DaNIEL CorkENZ, JAMES GARDNERZ, F.
STEFAN TauTz!, REINHARD J. MAURER?, and ¢ CHRISTIAN WAGNER!
— 1Peter Griinberg Institut (PGI-3), Forschungszentrum Jiilich, Ger-
many — 2Department of Chemistry, University of Warwick, Coventry,
UK

Molecular nanofabrication with a scanning probe microscope is a
promising route towards the prototyping of metastable functional
molecular structures and devices which do not form spontaneously.

The aspect of mechanical stability is crucial for such structures espe-
cially if they extend into the third dimension vertical to the surface. A
prominent example are freestanding molecules on a metal which can
function as field emitters or electric field sensors[1,2]. Improving the
stability of such molecular configurations is an optimization task in-
volving many degrees of freedom. Here, we present a combination of
scanning probe experiments with ab initio potential energy calcula-
tions to investigate the stability of a prototypical standing molecule.
We cast our results into a simple set of universal design principles for
such metastable structures, the validity of which we demonstrate in
two computational case studies. This offers the intuition needed to
fabricate new devices without tedious trial and error.

[1] T. Esat, N. Friedrich, F. S. Tautz, R. Temirov, Nature 558, 573
(2018)

[2] C. Wagner, M. F. B. Green, P. Leinen, T. Deilmann, P. Kriiger,
M. Rohlfing, R. Temirov, F. S. Tautz, PRL 115, 026101 (2015)

O 74.12 Thu 17:45 S054
Improving the Switching Efficiency in Azobenzene Deriva-
tive Film on Graphite-Air Interface — eTHIRUVANCHERIL G.
GoprakUMAR!, KHUsEBoO Yapav!l, Hariom Birral, Smowkar H.
Mir!:2, Tnomas HALBRITTER?, ALEXANDER HECKEL?, and JAYANT
K. SingH® — Department of Chemistry, Indian Institute of Technol-
ogy Kanpur, Kanpur 208016, India — 2Institute for Organic Chem-
istry and Chemical Biology, Goethe-University Frankfurt, Max-von-
Laue-Str. 9, 60438 Frankfurt, Germany — 3Department of Chemical
Engineering, Indian Institute of Technology Kanpur, Kanpur 208016,
India

The trans isomer of azobenzene (AB) and its derivatives is the most
abundant under equilibrium-thermodynamical conditions and is known
to switch between its trans and cis states when triggered by light
and electrons/holes on graphite.[1] In this work, we show that AB
derivatives are switching between two cis states (cis, cis’) when elec-
trons/holes induced switching is performed on a cis dominant non-
equilibrium initial condition at HOPG-air interface. The switching
efficiency in the cis adlayer is several folds higher than that in the
trans adlayer. This is related to the low switching barrier for cis-cis’
switching compared to that of trans-cis switching as revealed by den-
sity functional theory (DFT) calculations.

1) K. Yadav, S. Mahapatra, T. Halbritter, A. Heckel, T. G. Gopaku-
mar, J. Phys. Chem. Lett., 2018, 9, 6326-6333.

O 75: Members' Assembly
Topics: Report of the Chairman; Presentation of the Gerhard Ertl Young Investigator Award; Miscel-

laneous

Time: Thursday 19:00-19:30

Location: H1

All members of the Surface Science Division are invited to participate.

O 76: Post-Deadline Session

Time: Thursday 19:30-20:30
Contributed Post-Deadline Talks

119

Location: H1
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O 77: Overview Talk Guillaume Schull

Time: Friday 9:30-10:15

Invited Talk O 77.1 Fri9:30 S054
Sub-molecular fluorescence microscopy with STM
eGuiLLAUME ScHULL — IPCMS - CNRS/Unistra - Strasbourg

The electric current traversing the junction of a scanning tunneling mi-
croscope (STM) may lead to a local emission of light that can be used
to generate sub-molecularly resolved fluorescence maps of individual
molecules [1]. Combined with spectral selection and time-correlated
measurements, this hyper-resolved fluorescence microscopy approach
allowed us to scrutinise the vibronic structure of individual molecules

Location: S054

[2] to characterise the emission properties of charged species [3], to
track the motion of hydrogen atoms within free-base phthalocyanine
molecules [4] and to follow energy transfers between multi-molecular
architectures [5].

[1] A. Roslawska et al., PRX 12, 011012 (2022)

[2] B. Doppagne et al., PRL 118, 127401 (2017)

[3] B. Doppagne et al. Science, 361, 251 (2018)

[4] B. Doppagne et al. Nature Nanotechnol. 15, 207 (2020) .

[5] S. Cao et al. Nature Chem. 13, 766 (2021)

O 78: Plasmonics and Nanooptics 3

Time: Friday 10:30-12:30

O 78.1 Fri10:30 H3
Reconfiguring magnetic resonances with the plasmonic
phase-change material In3SbTes — eLLukas CONRADS, ANDREAS
HessLER, KoONSTANTIN WIRTH, MATTHIAS WUTTIG, and THOMAS
TauBNER — L. Institute of Physics (IA), RWTH Aachen University

For miniaturized active nanophotonic components, resonance tuning
of nanoantennas is a key ingredient. Phase-change materials (PCMs)
have been established as prime candidates for non-volatile resonance
tuning based on a change in refractive index [1]. Currently, a novel
material class of switchable infrared plasmonic PCMs, like InzSbTeq
(IST), is emerging. Since IST can be locally optically switched between
dielectric (amorphous phase) and metallic (crystalline phase) states in
the whole infrared range, it becomes possible to directly change the
geometry and size of nanoantennas to tune their infrared resonances
[2]. Here, crystalline IST split-ring resonators (SRRs) are directly
optically written and reconfigured in their arm size to continuously
tune their magnetic dipole resonances over a range of 2.4 pm with-
out changing their electric dipole resonances. The SRRs are further
modified into crescents and J-antennas, which feature more complex
resonance modes dependent on the polarization of the incident light [3].
Our concepts are well-suited for rapid prototyping, speeding up work-
flows for engineering ultrathin, tunable, plasmonic devices for infrared
nanophotonics, telecommunications, or (bio)sensing.

[1] Wuttig et al., Nat. Photon. 11, 465 (2017) (2] Hefler et al., Nat.
Commaun. 12, 924 (2021) (3] Hefler, Conrads et al. ACS Photonics 9,
5 (2022)

O 78.2 Fri 10:45 H3
Impact of atomistic structure and dynamics on inelastic light
scattering in a plasmonic picocavity — eFRrRaNco BoNargl,
Suuvr Liv?, HEiko AppEL!, MARTIN WoLF2, Takasul KuMacar?3,
and ANGeEL RuBio! — MPI for Structure and Dynamics of Matter,
Hamburg, Germany — 2Dpmt. of Physical Chemistry, Fritz-Haber In-
stitute, Berlin, Germany — 3Center for Mesoscopic Sciences, Institute
for Molecular Science, Okazaki, Japan

Atomically sharp metallic tips can focus an electromagnetic field down
to the sub-nanometer scale, leading to strong light-matter interactions
in plasmonic “picocavities”. This atomic-scale field can be used in
plasmon-enhanced spectroscopy, such as tip-enhanced Raman spec-
troscopy (TERS), which has enabled the visualization of optical prop-
erties at sub-molecular resolution. However, a full microscopic under-
standing of the interplay of structural relaxation, bonding, near-fields
and vibrations has not been achieved.

In this work, we combine experimental observations of inelastic light
scattering from a single silver adatom in a plasmonic picocavity con-
trolled by a low-temperature scanning tunneling microscope (STM),
with ab initio real-time electron dynamics simulations. The experi-
ment demonstrates a dramatic enhancement of Raman scattering that
occurs upon the formation of a quantum point contact. We model
possible geometries for the plasmonic tips and compute the vibrational
modes, electronic current and near-fields localized in the vicinity of the
single adatom. These simulations reveal a crucial role of the atomistic
structural relaxation in the optical response in a plasmonic nanocavity.

O 78.3 Fri 11:00 H3

Vector Polarimetry - Measuring Electrical Fields on Surfaces

120

Location: H3

— eALEXANDRA RoDLI,

ALEXANDER NEUHAUS!,
MicHAEL HORN-vON HOEGEN",
J. MEYER zu HERINGDORF! — lFaculty of Physics and Center
for Nanointegration, Duisburg-Essen, University of Duisburg-Essen,
47048 Duisburg, Germany — 24th Physics Institute, Research Center
SCoPE, and Integrated Quantum Science and Technology Center, Uni-
versity of Stuttgart, 70569 Stuttgart, Germany — 2School of Physics,
University of Melbourne, Parkville, Victoria 3010 Australia

1 1

Davip JanoscHkA', PAascAL DREHER-,
1,2,3
b

BerTiNa FrRANK?, TiMoTHY Davish
2 and FRANK-

1 HARALD GIESSENZ,

Non-linear photoemission microscopy has been established as an excel-
lent tool to investigate nano-optical fields at surfaces, in particular the
fields of surface plasmon polaritons (SPPs). In a pump-probe experi-
ment with femtosecond laser pulses we excite SPPs at grooves that are
ion-milled into a Au platelet. The electric field of the probe-laser pulse
interferes coherently with the electric field of the SPP and electrons are
liberated through a nonlinear process by the combined field at the sur-
face. The contrast depends on the alignment of the probe polarization
and the orientation of the in-plane component of the SPP’s electric
field. Using a set of different polarizations for the probe laser pulse
while keeping the same excitation conditions, one can reconstruct the
in-plane component of the electric field of the SPP. The out-of-plane
field component is calculated by Maxwell’s equations to reconstruct
the full electric vector field. Here, we measure and image complex
electric vector fields of SPPs and analyze their topology.

O 784 Frill:15 H3
Spatially-resolved THz near-field spectroscopy — eMORITZ
B. HeinpL!, Nicuoras Kirkwoobn?, Tobias LausTeEr®, JuLia A.
Lanc!, Markus Rerscu?®, PAuL Muwvaney?, and GEorc HERINK!
— !Experimental Physics VIII, University of Bayreuth, Germany —
2ARC Centre of Excellence in Exciton Science, School of Chemistry,
University of Melbourne, Australia — 3Physical Chemistry I, Univer-
sity of Bayreuth, Germany

Spectroscopic access to ultrafast electric waveforms is critical to the
understanding of plasmonic and field-driven nonlinear phenomena,
yet, microscopic measurements still present a grand challenge. Here,
we present a fluorescence-based field microscope for imaging ultra-
fast THz near-field evolutions employing the quantum-confined Stark-
effect in semiconductor quantum dots [1,2]. This Quantum-Probe Field
Microscopy (QFIM) scheme [3] allows for detection of strongly con-
fined near-fields in three-dimensional structures. Using QFIM, we
demonstrate spatially-resolved near-field spectroscopy of single THz
resonators and propagating THz excitations inside wave-guiding struc-
tures.

[1] Hoffmann, M. C. et al. Appl. Phys. Lett. 97, 231108 (2010)

[2] Pein, B. C. et al. Nano Lett. 17, 5375-5380 (2017)

[3] Heindl, M. B. et al. Light Sci. Appl. 11, 5 (2022)

O 78.5 Fri11:30 H3
Mode-selective imaging and control of nano-plasmonic near-
fields — eMurar Sivis!2, Huco LoureNgo-MaRrtins!:2, AN-
pRE GEerse?, TvLer R. HarveEy?, Tromas Danzl2, Rapwan
M. SarHAN®, Matias BarcHEER?, ArMIN FEisT!2, and CLAUS
Ropers!2 — IMax Plank Institute for Multidisciplinary Sciences,
Gottingen, Germany — 24th Physical Institute - Solids and Nanos-
tructures, University of Géttingen, Germany — 3Institut fiir Physik
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und Astronomie, Universitdt Potsdam, Potsdam, Germany

Electron energy-loss spectroscopy (EELS) in a transmission electron
microscope allows for the study of optical excitations in plasmonic
nanostructures with sub-nanometer spatial resolution. While EELS
is a powerful tool, it can only provide information about the sponta-
neous losses in a system with limited spectral resolution (10-100 meV
in the most advanced microscopes). Recent developments in ultrafast
transmission electron microscopy overcome these limitations and en-
able the probing of laser-excited modes by using photon-induced near-
field electron microscopy (PINEM). Here, we demonstrate how PINEM
can be used to measure the modal structure of the optical response of
individual plasmonic systems (metal nano-triangle-resonators) at the
nanoscale. Using our boundary element method (BEM)-based data
analysis, we extract the magnitude and relative phase of each plas-
monic mode from optical near-field maps. This approach opens a route
to study the influence of the laser polarization, wavelength and inci-
dence angle on the population of each mode, as well as the control of
complex mode patterns created by multicolor fields.

O 78.6 Fri 11:45 H3
Tailoring of nonlinear metasurfaces using sampling-based op-
timization — eDavipD HAHNEL, JENS FORSTNER, and VIKTOR MY-
ROSHNYCHENKO — Paderborn University, Theoretical Electrical Engi-
neering, Warburger Str. 100, 33098 Paderborn, Germany

Various efficient methods for the design and optimization of linear
metasurfaces have already been developed in the past [1]. Nowadays,
attempts are being made to use these methods also for the design
and optimization of nonlinear metasurfaces, which is a quite complex
task due to the nonlinear processes involved. Here we present the
design and optimization of all-dielectric nonlinear metasurfaces using
a simple sampling method combined with Monte Carlo simulation,
demonstrating that the use of sophisticated optimization methods is
not necessarily required. Furthermore, this combination provides an
effective approach in the optimization of nonlinear metasurfaces with
a dynamic problem, such as a varying number of optimization parame-
ters that are unknown in advance. We apply this method combination
in the optimization of a nonlinear beam deflector metasurface for the
third harmonic, which consist of an array of elliptical silicon disks and
obtained an significant improvement in the radiated intensity com-
pared to literature results [2]. [1] Chen, S. et al., Advanced Optical
Materials 2018, 6, 1800104. [2] Lei Wang et al., Nano Lett. 2018, 18,
6, 3978-3984.

O 78.7 Fri 12:00 H3

Polarization selective investigation of plasmonic Bloch modes
with dark-field spectroscopy — eMAXIMILIAN JOHANNES BLACK

and NauD TALEBI — Institute for Experimental and Applied Physics,
Kiel University, 24118 Kiel, Germany

Plasmonic and photonic crystals are widely used to mold the flow of
light. Owing to its symmetry even the seemingly simple structure of a
periodic square lattice of holes within a thin gold film shows a broad
variety of plasmonic Bloch modes that are distinguished by the mo-
menta and polarization. Therefore, the response of the system to the
excitation is formed by a superposition of these modes. In this work
we use polarization-selective optical dark-field microscopy to decom-
pose these modes. Dark-field microspectroscopy is used to enhance the
resolution and to suppress the background illumination, whereas linear
polarizers both in the illumination and the detection path enable the
selection of Bloch modes by polarization. We find that the dominating
signal is formed by the selective excitation and detection of radiating
magnetic moments. These and a variety of other modes are visualized
by hyperspectral imaging. In the far-field reciprocal space interfer-
ence fringes are resolved, indicating the propagation of the observed
modes along the surface of the plasmonic crystal. Our results prove
the possibility to thoroughly investigate plasmonic Bloch modes using
dark-field microscopy, adding its versatility to the range of methods
for measuring light-matter interactions.

O 78.8 Fri12:15 H3
A Ginzburg Landau model for femtosecond charge-density
wave dynamics at the atomic scale — eKURT LICHTENBERG!,
Mounamap Aepol+2, Smaoxianc Sueng!, Luict MavLavorrih2, and
SEBASTIAN LoTn!"? — University of Stuttgart, Institute for Func-
tional Matter and Quantum Technologies, Stuttgart, Germany —
2Max Planck Institute for Solid State Research, Stuttgart, Germany

Charge-density waves (CDWs) feature collective excitations that can
be observed as an oscillatory response of the electron system of a mate-
rial to a fast optical stimulus [1]. At the same time, scanning tunneling
microscopy (STM) measurements reveal highly localized interactions
with atomic defects [2]. THz pump-probe spectroscopy in the STM re-
veals highly heterogeneous dynamics with spatial variations down one
unit cell of the CDW. To improve the understanding of such local CDW
dynamics, we developed an empirical model that is motivated by for-
mer approaches [3,4] and based on time-dependent Ginzburg Landau
Theory. The combination of this theory with THz-STM measurements
establishes a possibility to study the interplay between collective CDW
dynamics with atomic pinning sites.

[1] M.-A. Méasson et. al, PRB 89, 060503(R) (2014)

[2] C. J. Arguello et. al, PRB 89, 235115 (2014)

[3] W. L. McMillan, PRB 12, 1187-1196 (4) (1975).

[4] G. Griiner, Density Waves in Solids. Perseus Publishing - Cam-
bridge, Massachusetts, (2000).

O 79: Surface Reactions and Heterogeneous Catalysis 3

Time: Friday 10:30-12:45

Topical Talk O 79.1 Fri 10:30 H4
Exploitation of Heterocycles for N-doped Graphene Nanoma-
terials — RiMy Pawrak!, ULrRicH AscHAUER?, SiLvio DECURTINSZ,
Jascua Repp?, Paven JeLiNneEk?, ErnsT MEevYER!, LArrTE L.
PATERA®, and eSHI-X1a L1u2 — !'Department of Physics, University of
Basel, Klingelbergstrasse 82, 4056 Basel, Switzerland — 2Department
of Chemistry, Biochemistry and Pharmaceutical Sciences, University
of Bern, 3012 Bern, Switzerland — 3Institute of Experimental and Ap-
plied Physics, University of Regensburg, 93053 Regensburg, Germany
— 4Institute of Physics of Czech Academy of Sciences, 16200 Prague,
Czech Republic — ®Department of Chemistry and Catalysis Research

Center, Technical University of Munich, 85748 Garching, Germany

On-surface chemical reactions have been intensively investigated in or-
der to obtain carbon-based functional nanomaterials which very often
cannot be synthesized by wet chemistry. Thus, tailored heterocyclic
precursors are becoming increasingly important for the development of
highly symmetric 2D-conjugated porous architectures and 1D N-doped
graphene nanoribbons (GNRs) with desired functions due to their in-
trinsic electronic properties. This presentation will focus on our collab-
orative work on C-C coupling reactions on various surfaces leading to
the formation of a range of nanostructures, including molecular wires,
fully fused porphyrin-GNR hybrids, as well as 1D- and 2D-conjugated
porous networks. All of these atomically precise nanostructures can

121

Location: H4

be directly visualized by STM and AFM. The fine-tuned electronic
properties by chemical modification are discussed.

O 79.2 Fri11:00 H4
On-surface cyclomerization of oxygen heterocycles: Con-
trolling the ring size by tuning the molecule-surface inter-
action — eANDREAs DOrRr!, NEmania Kocic!, Lukas Fromm?,
VLADIMIR AKHMETOVS, KONSTANTIN Y. AMSHAROV®, ANDREAS
GoRLING?, and SABINE MaIEr! — !Department of Physics, Friedrich-
Alexander-Universitit Erlangen-Niirnberg, 91058 Erlangen (Germany)
— 2Department of Chemistry and Pharmacy, Chair of Theoretical
Chemistry, Friedrich-Alexander-Universitdt Erlangen-Niirnberg, 91058
Erlangen (Germany) — S3Institute for Chemistry, Martin-Luther-
University Halle-Wittenberg, 06099 Halle (Germany)

Heterocycles with nitrogen, oxygen, or sulfur atoms are the basic units
that incorporate chemical functionalization into carbon scaffolds. For
oxygen-doped nanographenes, furan and pyran, having five- and six-
membered rings, respectively, are the most common ones. However,
their on-surface synthesis via cyclomerization reactions has so far been
elusive. Here, we present a low-temperature scanning tunneling mi-
croscopy study combined with density functional theory calculations
to understand the on-surface synthesis of furan and pyran derivatives
from ketone-functionalized precursors on metal surfaces. We first dis-
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cuss the self-assemblies of the precursors, which are strongly influenced
by molecule-surface interactions. Upon annealing, the different inter-
molecular binding motifs resulted in selective cyclomerization reactions
toward furan and pyran moieties.

O 79.3 Frill:15 H4
Proximity-induced superconductivity in atomically precise
nanographene — eJunc-Cuing Livl, REmy Pawrak!, Xing
Wang2, Puiipp D’Astorro!, Carn DRrecusen!, Ping ZuHou?,
HoncYEN CHEN3, Sitvio Decurtins?, ULRICH ASCHAUER?, SHI-
Xi1a Liv?, Wurr WULFHEKEL®, and ERNST MEYER! — ! Department
of Physics, University of Basel, Klingelbergstrasse 82, CH-4056
Basel — 2Department of Chemistry, Biochemistry and Pharmaceu-
tical Sciences, University of Bern, Freiestrasse 3, CH-3012 Bern —
3Physikalisches Institut, Karlsruhe Institute of Technology, Wolfgang-

Gaede-Str. 1, D-76131 Karlsruhe

Atomically precise nanographenes (NGs) can be efficiently synthesized
through on-surface reactions. On such designed NGs, topological su-
perconductivity could be fostered via proximity to a s-wave supercon-
ductor. However, on-surface synthesis of NGs is still missing on super-
conducting surfaces [1-3]. To fill the gap, we first fabricate a Ag buffer
layer on the Nb(110) superconductor [4], and grow atomically precise
NGs on the Ag/Nb substrate using DBBA as the precursor. Through
the investigation of low temperature STM/AFM, we demonstrate suc-
cessful synthesis of polymeric chains and NGs on the superconducting
Ag/Nb(110) substrate. We believe our method provides a promising
platform for studying the role of topology in the interaction between
carbon magnetism and superconductivity [5]. [1]Cai et al., Nature 466,
470-473 (2010) [2]K. A. Simonov et al., Sci. Rep. 8, 3506 (2018) [3]M.
Kolmer et al., Science 369, 571-575 (2020) [4]T. Tomanic et al., Phys.
Rev. B 94, 220503 (2016) [5]J.-C. Liu et al., arXiv:2202.00460

O 79.4 Frill:30 H4
Real-space Imaging of Unprecedented Phenyl Group Mi-
gration Reaction on Metal Surfaces — eZiLiN Ruanb2, Bar-
JN Li?, Suuie Sun?, Yong Zuanc?, Ler Gao3, JiaNcHEN Lu?2,
MicHAEL GoTTFRIED!, and JINmING Ca1? — !Department of Chem-
istry, Philipps University Marburg, Hans-Meerwein-Strafte 4, 35037
Marburg (Germany) — 2Faculty of Materials Science and Engineer-
ing, Kunming University of Science and Technology, Kunming, Yun-
nan 650093 (China) — 3Department of Chemistry, Philipps University
Marburg, Hans-Meerwein-Strafe 4, 35037 Marburg (Germany)

We report on-surface identification and visualization of an un-
precedented and wuniversal phenyl group migration reaction of
1,4-dimethyl-2,3,5,6-tetraphenyl benzene (DMTPB)a precursor on
Au(111), Cu(111) and Ag(110) substrates by a combination of bond-
resolved scanning tunneling microscopy (BR-STM) and density func-
tional theory (DFT) calculations. The phenyl group migration reaction
of DMTPB precursor results in formations of variously unprecedented
polycyclic aromatic hydrocarbons on the substrates. DFT calculations
reveal that the multiple-steps phenyl group migration reactions are fa-
cilitated by the radical attack and rearomatization of the DMTPB
precursor. Our study provides unprecedented insights into complex
surface reaction mechanisms at the single molecule level, which may
guide the design of chemical species.

O 79.5 Frill:45 H4
Deciphering the intramolecular C-C coupling mechanism
of a model aryl radical via bond-level AFM imaging
— oQicANG Zuong!, Jannis Junc2, DanieL Konrs®, DANIEL
EBELING', DOREEN MOLLENHAUER?, HERMANN A. WEGNER®, and
ANDRE ScHIRMEISEN! — lInstitute of Applied Physics, Justus-Liebig
University Giessen (JLU), Germany — 2Institute of Physical Chem-
istry, JLU, Germany — °Institute of Organic Chemistry, JLU, Ger-
many

Although on-surface dehalogenative and dehydrogenative C-C coupling
has proved to be a versatile and prevailing approach to construct-
ing atomically precise carbon-based nanostructures, understanding of
the reaction mechanisms remains limited by the elusive intermediates.
Here, we studied the intramolecular cyclodehydrobromination of 1-
bromo-8-phenylnaphthalene on Cu(111) and Ag(111) using bond-level
atomic force microscopy (BL-AFM). The reaction occurs at room tem-
perature on both metal surfaces, while the reaction rate on Cu(111)
is much higher than that on Ag(111) presumably due to the higher
catalytic activity of copper. Surface-bound radicals, cyclized interme-
diates and dehydrogenated product were captured by BL-AFM imag-
ing and verified by DFT calculations, suggesting a multi-step reaction
process, i.e. debromination, radical cyclization and dehydrogenation.

122

The large proportion (up to 65 percent) of cyclized intermediates on
Cu(111) indicates that dehydrogenation is the rate-determining step,
which is corroborated by DFT calculations of activation barriers. To
achieve a reasonable activation barrier for dehydrogenation, multiple
pathways were theoretically evaluated.

O 79.6 Fri 12:00 H4
Interplay between m-conjugation and exchange magnetism in
one-dimensional porphyrinoid polymers — eKarLyan Biswas!,
MaxENCE URBANIY, ANA SANCHEZ-GRANDE!, DiEGo SoLER?, KOEN
LauwaeT!, Apam MaTEi?, PINco MuTtomBo?, JosE M. GaLLEco!,
RopoLro Miranpal, Davip Ecwal, PaveL JeLiNEk2, ToMAS
Torres!, and Josg I. UrceL! — 'IMDEA Nanoscience, Madrid,

Spain — 2CATRIN, Olomouc, Czech Republic

The field of carbon magnetism has gained an increased attention in
view of the recent progress made in the synthesis and characterization
of open-shell polycyclic aromatic hydrocarbons following a bottom-
up synthetic approach. In this work, we introduce an exemplary ap-
proach toward the bottom-up fabrication of unprecedented magnetic
porphyrinoid-based polymers homocoupled via surface-catalyzed [3 +
3| cycloaromatization of isopropyl substituents studied on Au(111) un-
der ultra-high vacuum conditions. The chemical structure of the poly-
mer, formed by thermal-activated intra- and intermolecular oxidative
ring closure reactions followed by controlled tip-induced hydrogen dis-
sociation from the porphyrinoid units, have been clearly elucidated
by scanning tunneling microscopy and non-contact atomic force mi-
croscopy. Scanning tunneling spectroscopy, complemented by com-
putational investigations reveals the antiferromagnetic singlet ground
state (S=0), which display singlet-triplet inelastic excitations observed
between spins of adjacent porphyrinoid units only along a specific n-
conjugation pathway. We envision that our approach can be a highly
relevant in nanoscale spintronic devices.

O 79.7 Fri12:15 H4
Photoactivation of Azide in SURMOFs — eoJmMIN Song, XI-
AOJUAN YU, MANUEL TsoTsAaLAS, ALEXANDER KNEBEL, ALEXEI
NEerFeEDOV, STEFAN HEISSLER, YUEMIN WANG, and CHRISTOF WOLL
— Institute of Functional Interfaces, Karlsruhe Institute of Technol-
ogy,76344, Eggenstein-Leopoldshafen, Germany

The ability to turn the surface activation of metal-organic frameworks
(MOFs) is essential for developing advanced MOF applications. Here,
we have successfully synthesized a surface-mounted MOF (SURMOF)
model system with azide side groups in order to investigate the pho-
toactivation of phenyl azide and its reaction pathways. In situ UHV
infrared reflection absorption spectroscopy (IRRAS) was applied to
precisely monitor the chemical changes taken place on the surface of
highly oriented and crystalline SURMOFs under UV irradiation at
different temperatures. Combining with in situ XRD, MS and XPS,
a two-step mechanism is proposed including the activation and sub-
sequent reaction of azide with adjacent C=C bonds yielding pyrrole
species.

O 79.8 Fri12:30 H4
Differences in the Intermolecular Interaction of Electron-
rich Phosphines on a Metal and a Salt Surface — eVLADIMIR
Lykov!, FLorENZ Buss?, MiLica FELDT?, KARINA MORGENSTERN!,
and FaBiaN DIELMANN? — 1Chair of Physical Chemistry I, Ruhr Uni-
versitit Bochum, Germany — 2Institute for Inorganic and Analytical
Chemistry, Westphalian Wilhelms University of Miinster, Germany —
3Leibniz-Institut fiir Katalyse e.V. (LIKAT), Rostock, Germany —
4Department of General, Inorganic and Theoretical Chemistry, Uni-
versity of Innsbruck, Austria

Electron-rich phosphines are attractive as capture molecules, for in-
stance, for carbon dioxide (CO2) and sulfur dioxide (SOz2) by forming
zwitterionic Lewis base adducts with them [1]. The main focus of
this project is understanding the interaction behind this capturing in
real space. For this purpose, we use a low-temperature (7 K) scanning
tunneling microscope (STM). To understand the influence of the metal
surface on this capture process, we compare the molecules adsorbed
on Ag(100) to those on NaBr(100). As a first step, the different inter-
action of phosphines with the salt multilayers and with the metal was
investigated by step-wise heating from 43 K to 135 K. The difference
in intermolecular interaction on these surfaces will be discussed in this
presentation.

(1] Buk F., Rothel M.B., Werra J.A., Rotering P., Wilm L.F.B.,
Daniliuc C.G., Loéwe P., Dielmann F., Chem. Eur. J.
10.1002/chem.202104021 (2021)
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Microscopy 3

Time: Friday 10:30-12:15

O 80.1 Fri 10:30 S051
Synthesis and Characterization of Triangulene: a novel con-
cept of magnetic nanostructure made of carbon — eFraANcCISCO
R. Laral, Smvia Castro?, JEREMY HIEULLE!, MANUEL VILAS-
VARELAZ, ALEssio0 VEGLIANTE!, NikLas Friepricu!, LoORENZ
MEeYER!, UNal URIARTE-AMIANO!, SoFia Sanz3, DuLce ReEv?, Na-
TALIA E. KovaL!, MarTiNA Corso?3, EmiLio ArRTacHO!®, THOMAS
FREDERIKSEN®, Digco PERAZ, and Josk Ianacio Pascuar! — 1CIC
nanoGUNE BRTA, Donostia, Spain — 2Centro Singular de Inves-
tigacion en Quimica Bioloxica e Materiais Moleculares, Santiago de
Compostela, Spain — 3Donostia International Physics Center, Donos-
tia, Spain — %Centro de Fisica de Materiales, Donostia, Spain —
5Cavendish Laboratory, Cambridge, United Kingdom

In this talk, we present the synthesis and characterization of a [3]-
triangulene ring of 6 units, the [3|-triangulene nanostar (TNS), and an
aza-[5]-triangulene (A5T), on a Au(111) surface.

By means of scanning tunneling microscopy (STM) and spectroscopy
(STS) the precise spin states of such carbon-based nanostructures have
been studied. Such experimental findings, are supported by calcula-
tions from density functional theory (DFT), mean-field Hubbard model
(MFH), and Heisenberg model.

Both nanostuctures are achieved thanks to on-surface synthesis.
TNS hosts antiferromagnetically coupled spin-1 showing a complex
many-body inelastic excitation spectrum. A5T ground state has a spin
larger than one. Here the presence of the N heteroatom substitution
plays an important role in the spin state on surface.

O 80.2 Fri 10:45 S051
Local access to the Ln-Ln bonding orbital in dimetallo-
fullerene molecular magnets — eoFaBIaN Pascukr!, ToBias
Birx!, FupiNn Liuv2, StanisLav M. AvDOSHENKOZ?, ALEXEY A.
Poprov2, and MikHAIL Fonin! — Department of Physics, Univer-
sitat Konstanz, 78457 Konstanz — 2Leibniz Institute for Solid State
and Materials Research (IFW Dresden), 01069 Dresden

One of the key players in the single-molecule magnet community are
members of the lanthanide (Ln) dimetallofullerene family that combine
air-stable chemical robustness, easy functionalization, a large magnetic
moment and slow magnetic relaxation up to 28 K [1]. Two Ln®% ions
are ferromagnetically coupled by a singly occupied Ln—Ln bonding
orbital in the void of a Cgg fullerene cage. In this talk I will first
demonstrate the robust on-surface magnetism of {Lns} complexes that
show outstanding magnetic blocking temperatures [2,3]|, an important
prerequisite to address its molecular magnetism on a local scale. Sub-
sequently, scanning tunneling spectroscopy unambiguously identifies
the unoccupied component of the single-electron Ln—Ln bonding or-
bital in the spectrum of {Dy2} on a graphene/Ir(111) surface [4]. This
finding outlines a new route how to access the molecular spin dynam-
ics of single {Lna} complexes and provides a working point for spin
manipulation using chemical doping.

[1] F. Liu et al., Nat. Commun. 10, 571 (2019). 2] F. Paschke et al.,
Adv. Mater. 2102844 (2021). [3] L. Spree et al., Adv. Funct. Mater.
2105516 (2021). [4] F. Paschke et al., Small 2105667 (2022).

0 80.3 Fri 11:00 S051

indirect spin-readout of rare-earth-based single-molecule
magnet with STM — eHONGYAN CHEN!, TIMO FRAUHAMMER!, TIM-
OFEY BALASHOVZ, GABRIEL DERENBACH'3, SVETLANA KLYATSKAYA?,
EUFEMIO  MORENO-PINEDA?, MARIO RUBEN®®6  and wuLF
WULFHEKEL!*3 — 1 Physikalisches Institut, Karlsruhe Institute of Tech-
nology (KIT), 76131 Karlsruhe, Germany — 2Physikalisches Institut,
RWTH Aachen, 52074 Aachen, Germany — 3Institute for Quan-
tum Materials and Technologies, KIT, 76021 Karlsruhe, Germany
— 4Institute of Nanotechnology, KIT, 76021 Karlsruhe, Germany —
5Departamento de Quimica-Fisica, Escuela de Quimica, Facultad de
Ciencias Naturales, Exactas y Tecnologia, Universidad de Panamé
0824, Panama — %Centre Européen de Sciences Quantiques (CESQ)
in the Institut de Science et d’Ingénierie Supramoléculaires (ISIS), 8
allée Gaspard Monge BP 70028, 67083 Strasbourg Cedex, France

Rare-earth based SMMs are promising candidates for magnetic infor-
mation storage as their large magnetic moments are carried by local-
ized 4f electrons. However, this in turn hampers a direct readout of the
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moment. Here, we present the indirect readout of the Dy moment in
DyPcg molecules on Au(111) using mK-STM. Because of an unpaired
electron on the Pc ligand, the molecules show a Kondo resonance that
is, however, split by the ferromagnetic exchange interaction between
the unpaired electron and the Dy spin. Using spin-polarized STS,
we read out the Dy spin as a function of the applied magnetic field,
exploiting the spin polarization of the exchange-split Kondo state.

O 80.4 Frill:15 S051
Yu-Shiba-Rusinov states of Fe dimers on NbSeo — eLisa M.
RoOTTEN!, Eva LieBHABER', HARALD Scumip!, GaiL ReecHT!, KAl
RossNaGeEL?3, FELix voN OpPEN!, and KaTHARINA J. FRANKE! —
IFachbereich Physik, Freie Universitéit Berlin, 14195 Berlin, Germany
— 2Institut fiir Experimentelle und Angewandte Physik, Christian-
Albrechts-Universitit zu Kiel, 24118 Kiel, Germany — 3Ruprecht
Haensel Laboratory, Deutsches Elektronen-Synchrotron DESY, 22607
Hamburg, Germany

Unpaired adatom spins on superconductors interact with the Cooper
pairs of the substrate and induce Yu-Shiba-Rusinov (YSR) states inside
the superconducting gap. These can be probed by scanning tunneling
spectroscopy at the single-atom scale. 2H-NbSez is a superconduct-
ing, layered van der Waals material, where the YSR wave functions
of magnetic impurities extend over several nanometers. This provides
a wide range of adatom spacings over which their interaction is suffi-
ciently strong to be potentially observed as a splitting in the tunneling
spectra. In addition to superconductivity, 2H-NbSez hosts an incom-
mensurate charge-density wave (CDW). The imposed variation of the
local density of states leads to shifts in the energy of the YSR states
and alters the spatial symmetry of YSR wave functions. Here, we ar-
range Fe atoms on 2H-NbSez using the tip of a scanning tunneling
microscope and realize dimers with different spacings and symmetries.
We investigate the influence of spacing and position with respect to
the CDW on the interaction between the YSR states.

O 80.5 Fri 11:30 S051
Atomic manipulation of spin structures on the A-BiaPd
Superconductor — CRrisTiINA Mier!, Divva Jvorih2, Jivoon
Hwanc?, Jinkyune Kim3, Yuiseone Bar3, ANDREAs HEINRICHS,
NicoLas LorenTe!2, and eDruNag-Jane Cuor»2* — ICentro de
Fisica de Materiales, CFM/MPC (CSIC-UPV/EHU), Paseo Manuel de
Lardizabal 5, 20018 Donostia-San Sebastian, Spain — 2Donostia Inter-
national Physics Center (DIPC), Paseo Manuel de Lardizabal 4, 20018
Donostia-San Sebastian, Spain — 2Center for Quantum Nanoscience
(QNS), Institute for Basic Science (IBS), Seoul 03760, South Korea —
4Ikerbasque, Basque Foundation for Science, 48013 Bilbao, Spain

Recently, the introduction of impurity states in the superconducting
gap has received a lot of attention. Indeed, the search of a new super-
conducting state called topological superconductivity is strongly based
in the combination of doping classical (s-wave) superconductors with
magnetic impurities that arrange spins in a chiral fashion. We present
the first results of controlled single-atom manipulation to assemble a
chain of Cr atoms on a 3-BizPd superconductor [1,2]. Such magnetic
impurities on different substrates allow us to explore many-body effects
and exotic phenomena in different experimental spin systems giving an
understanding on the parameters on each system.

[1] C. Mier et al., Atomic Manipulation of In-gap States on the (-
BisPd Superconductors, Phys. Rev. B 104 (4), 045406 (2021). [2]
Cristina Mier, Deung-Jang Choi and Nicolas Lorente, Phys. Rev. B
104 (24), 245415 (2021).

O 80.6 Fri11:45 S051
Theory of transport between superconducting states bound
to magnetic impurities — eCIiPRIAN PaDURARIU!, HaONAN
Huanc?, BiorN Kubaral:3, CrrisTian R. AsT2?, and JoAcHIM
ANKERHOLD' — !Institute for Complex Quantum Systems and IQST,
Ulm University, Ulm, Germany — 2Max-Planck-Institut fiir Festkor-
perforschung, Stuttgart, Germany — 3Institute of Quantum Technolo-
gies, German Aerospace Center (DLR), Ulm, Germany

The realization of the Majorana chain [1], a 1D-chain of superconduct-
ing states bound to magnetic impurities, suggests that Majorana edge
states can be probed using the superconducting tunneling microscope
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(STM). Recently, we have developed an ideal tool to probe and manip-
ulate the edge states of a Majorana chain. It consists of a mK-STM
with its own in-gap Yu-Shiba-Rusinov (YSR) state created by a mag-
netic impurity on the tip. With this device we have studied the sharp
resonant transport between the YSR state on the tip and another YSR
on the sample, and have developed the theory [2].

Here, we summarize and expand the theory of YSR-YSR tunneling to
phenomena that occur when one YSR state is close to zero energy,
near its quantum phase transition. If the zero-energy state sits at the
edge of a Majorana impurity chain, theory predicts that the topological
edge state will transfer from the chain to the tip.

[1] S. Nadj-Perge, et al., "Observation of Majorana fermions in ferro-
magnetic atomic chains on a superconductor", Science 346, 602 (2014).
[2] H. Huang, et al., "Tunneling dynamics between superconducting
bound states at the atomic limit", Nat. Phys. 16, 1227 (2020).

O 80.7 Fri 12:00 S051
Many-body Excitations of a Quantum Spin on a Proxim-
itized Superconductor — STEFANO TRIVINI L

, eJoN ORTUZAR',
KaTErRINA Vaxevant!, JinacHEN Li2, ANE Garro!, F. SEBas-

TIAN BERGERET®, MicUuEL.A CazaLiLLa®*®, and Josg Ianacio
PascuaLl® — 1CICnanoGUNE, San Sebastian,Spain — 2School of
Physics, Sun Yat-sen University, Guangzhou 510275, China — 3Centro
de Fisica de Materiales (CFM-MPC), 20018 San Sebastian, Spain —
4Donostia International Physics Center (DIPC), 20018 San Sebastian,
Spain — SIkerbasque, Basque Foundation for Science, 48013 Bilbao,
Spain

In magnetic molecules intrinsic magnetic anisotropy breaks spin de-
generacy, allowing inelastic spin excitations that can be protected by
a superconducting gap. The coupling of the spin to the supercon-
ductor induces Yu-Shiba-Rusinov (YSR) states, detected by scanning
tunnelling microscopy (STM) as long-lived quasiparticles excitations
inside the superconducting gap.

Here, we observe the signature of both described excitations in an
Fe-porphyrin adsorbed on a Au/V(100) proximitized superconducting
surface. We found that the STM tip affects in a similar way both
in-gap and out-gap states, hint that they are correlated. Solving an
effective Hamiltonian of the system, we describe the observed signals
as multiple excitations of entangled states formed by the molecular
spin and superconductor.

O 81: 2D Materials 4: Heterostructures

Time: Friday 10:30-12:00

O 81.1 Fri 10:30 S052
Sub-angstrom non-invasive imaging of microstructures in
2D hybrid perovskites — eSnavaN Epararmanesab3, MykoLA
TrrLycako?, Kar Leng?, IBRaniM ABDELwAHABZ 4, Na Guo®, CHUN
ZHANG®, JEsus MENDIETA-MORENO!, MATYAS NacHTiGALL!, JiNG
Li*, Kian Pine Lon?, Paver Jerinek!3, and Jione Lu24 —
Hnstitute of Physics, The Czech Academy of Sciences, Prague, Czech
Republic — 2Department of Chemistry, NUS, Singapore — 3SRCPTM,
Palacky University, Olomouc, Czech Republic — #CA2DM, NUS, Sin-
gapore — 9Department of Physics, NUS, Singapore

Organic-inorganic hybrid two dimensional (2D) Ruddlesden-Popper
perovskites (RPPs), made of soft insulating organic layers sandwiched
between conducting inorganic frameworks, have recently gained a great
deal of attention as candidates for the next generation of optoelec-
tronic devices. To gain an understanding of the cooperative lattice
relaxation governing the optoelectronic properties of 2D RPPs, we
present sub-angstrom resolution imaging of both soft organic layers
and inorganic framework in a prototypical 2D lead-halide RPP crys-
tal using a tip-functionalized Scanning Tunneling Microscopy (STM),
non-contact Atomic Force Microscope (ncAFM) and Kelvin Probe
Force Microscopy (KPFM) corroborated by theoretical simulations,
namely Density Functional Theory (DFT)[1]. We unveil the over-
all twin-domain composition of the RPP crystal, with alternating
quasi-one-dimensional electron and hole-channels at neighboring twin-
boundaries, possibly responsible for the long-distance exciton trans-
port in RPPs. Reference: [1] https://arxiv.org/abs/2109.05878

O 81.2 Fri 10:45 S052
Electronic Structure of Quasi-Freestanding WS3/MoS: Het-
erostructures — Borna Pieri¢!, Dino Novko!, Iva SruT
Raxkié!, Jiaqr Car?, MARIN PETROVIG!, ALIcE BREMERICH?, ROBIN
OuMANN?, Natasa Vuiicié!, Mario BasLeTié®, Marko Krarni!,
and eCARSTEN Busse? — !Institute of Physics, Zagreb, Croatia —
2Universitit Siegen, Germany — 3University of Zagreb, Croatia

Quasi-freestanding  heterostructures of semiconductiong
dimensional materials with sharp interfaces, large built-in electric
field, and narrow depletion region widths are proper candidates for
the future design of electronic and optoelectronic devices.

Here, we epitaxially grow lateral WS2-MoS2 and vertical WSa /MoSs2
heterostructures on graphene under UHV conditions. By means of
scanning tunneling spectroscopy (STS), we examine the electronic
structure of monolayer MoS2, WSz, and WSs/MoS2 vertical het-
erostructure. Moreover, we investigate band bending in the vicinity
of the narrow one-dimensional interface of the WSa-MoSso lateral het-
erostructure. Density functional theory (DFT) is used for the calcula-
tion of the band structures, as well as for the density of states maps
at the interfaces. For the WS2-MoS2 lateral heterostructure, we find
type-1I band alignment and determine the corresponding depletion re-
gions, charge densities, and the electric field at the interface.

two-
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O 81.3 Fri 11:00 S052
Quantum spin Hall edge states and interlayer coupling in
twisted bilayer WTey; — oFELIX LUPKE!, DACEN WATERS?, ANH
Puam3, JiaQiane Yan?, Davip G. MANDRUS?, PANCHAPAKESAN
Ganesn®, and Benjamin M. Hunt® — !Peter Griinberg Insti-
tut (PGI-3), Forschungszentrum Jiilich, 52425 Jilich, Germany —
2Physics, University of Washington — 3Center for Nanophase Ma-
terials Sciences, Oak Ridge National Lab — “Materials Science and
Technology Division, Oak Ridge National Lab — 5Department of Ma-
terials Science and Engineering, University of Tennessee — SPhysics,
Carnegie Mellon University

The quantum spin Hall (QSH) effect, characterized by topologically
protected spin-polarized edge states, was recently demonstrated in
monolayers of the transition metal dichalcogenide (TMD) WTes. How-
ever, the robustness of this topological protection remains largely un-
explored in van der Waals heterostructures containing one or more
layers of a QSH insulator. In this work, we use scanning tunneling mi-
croscopy and spectroscopy (STM/STS), to study twisted bilayer (tBL)
WTe, and compare it to topologically trivial natural bilayer. By com-
paring our experimental observations to first principles calculations,
we conclude that the twisted bilayers are weakly coupled, preserving
the QSH states and preventing back scattering.

O 81.4 Frill:15 S052
Real-time TD-DFTB simulations and modeling of Fano-

induced transparency in molecular van der Waals Het-
erostructures — oCarrLos R. Lien-Meprano!, Franco P.
BonarEZ, CHI YUNG YaMm3, CARLOS-ANDRES PaLma?, CRISTIAN

G. SANcHEZ®, and THOMAS FRAUENHEIM! — 1BCCMS, Uni-Bremen,
Germany — 2MPSD, Hamburg, Germany — 3CSAR, Shenzhen, P. R.
China — 4IOP, Beijing, P.R. China — ®UNCuyo, Mendoza, Argentina

While gating and doping in two-dimensional (2D) materials is well-
known, the physics of photosensitizing and advanced optical properties
have not been fully investigated, especially in the context of molecular
vdW heterostructures (MVHs), that is, regular monolayer stacks on
2D materials. In a recent work [1], we employed an adapted Gersten-
Nitzan (two point dipoles) model and real time time-dependent density
functional tight-binding to study the optoelectronics of self-assembled
monolayers on graphene nanoribbons. We found Fano resonances that
cause electromagnetic induced opacity and transparency and reveal an
additional incoherent process leading to interlayer exciton formation
with a characteristic charge transfer rate. These results showcase hy-
brid van der Waals heterostructures as paradigmatic 2D optoelectronic
stacks, featuring tunable Fano optics and unconventional charge trans-
fer channels. Our findings open a path for improved design of modular
multilayer organic photovoltaic devices.

[1] Lien-Medrano, C. R., et al. Fano Resonance and Incoherent In-
terlayer Excitons in Molecular van der Waals Heterostructures. Nano
Letters (2022), 22(3), 911-917.
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O 81.5 Fri 11:30 S052
High-throughput stacking reveals emergent and switchable
properties of 2D van der Waals bilayers — eSAHAR PAKDEL,
AsBJgRN RasMUsseN, Maps KRUSE, ALIREzZA TAGHIZADEH, THOMAS
OLsEN, and KRrRisTIAN SOMMER THYGESEN — CAMD, Computational
Atomic-Scale Materials Design, Department of Physics, Technical Uni-
versity of Denmark, 2800 Kgs. Lyngby Denmark

Stacking atomically thin two-dimensional monolayers into van der
Waals (vdW) heterostuctures offer new opportunities to tune physical
properties of 2D materials. Here we provide a systematic ab initio-
based study of homo-bilayers created by stacking several hundreds of
stable monolayers containing up to 10 atoms per unit cell. We in-
vestigate all configurations commensurate with the primitive cell and
verify our approach by comparing our stacking orders with available
bulk compounds. For the stable bilayers within a 3 meV/ A2 bind-
ing energy distance from the most stable configuration, we calculate
a range of electronic and magnetic properties. We explore switchable
properties in bilayer pairs related with a slide vector. Our work is a
step towards rational design of layered vdW materials and contributes
to the systematisation of 2D materials. Our results will be available
online and integrated with the Computational 2D Materials Database
(C2DB) which allows for comparison between mono- and bilayer prop-
erties.

O 81.6 Fri11:45 S052

1D p-n junction electronic and optoelectronic devices
from transition metal dichalcogenide lateral heterostructures
grown by one-pot chemical vapor deposition synthesis —
oE. NaJAFIDEHAGHANI!, Z. GaN!, A. Georce!, T. LeuNErT?, G.
Q. Ncgo?3, C. Nrumann!, T. Bucugr?, I. Staupe®, D. Karser!,
T. Vocr®, U. HoeNeEr?, U. Kaiser?, F. EILENBERGER®, and A.
TurcHANIN! — 1Friedrich Schiller University Jena, Institute of Phys-
ical Chemistry, Germany — 2Ulm University, Central Facility of Ma-
terials Science Electron Microscopy, Germany — 3Friedrich Schiller
University Jena, Institute of Applied Physics, Germany — “Leibniz
Institute of Photonic Technology (IPHT), Germany

Lateral heterostructures (LH) of dissimilar monolayer transition metal
dichalcogenides provide great opportunities to build 1D in-plane p-n
junctions for sub-nanometer thin low-power electronic, optoelectronic,
optical, and sensing devices. Electronic and optoelectronic applications
of such p-n junction devices fabricated using a scalable chemical vapor
deposition process yielding MoSe2-WSe2 LHs are reported here. Their
growth is achieved by in situ controlling the partial pressures of the ox-
ide precursors by a two-step heating protocol. The grown LHs are char-
acterized structurally and optically using optical microscopy, Raman
spectroscopy, and photoluminescence spectroscopy. High-resolution
transmission electron microscopy further confirms the high-quality 1D
boundary between MoSez and WSez in the LH. p-n junction devices
are fabricated from these LH and their applicability solar cells, pho-
todetectors, and electroluminescent emitters are demonstrated.

O 82: Electronic Structure of Surfaces 2

Time: Friday 10:30-12:15

O 82.1 Fri 10:30 S053
Electron- and Hole-Like Transport in Shockley Type Sur-
face States Detected by MONA — eANDREAS CHRIST, MARKUS
LEisEcaNG, PaTrick HARTL, and MAaTTHIAS BODE — Physikalisches
Institut, Experimentelle Physik II, Universitat Wiirzburg, Am Hub-
land, D-97074 Wiirzburg, Germany

In recent years, we have established the STM-based molecular
nanoprobe (MONA) technique to detect the transport of hot charge
carriers over distances of a few nanometers [1,2]. In short, MONA
uses a charge carrier-driven molecular switching events, such as a tau-
tomerization or rotation, to detect currents injected a few nanometers
away. Earlier experiments performed on Ag(111) showed that the sur-
face state characteristic for fec(111) surfaces facilitates effective charge
transport between the charge injection point at the tip position and
a single phthalocyanine (HPc) detector molecule [3]. Since, however,
the energy threshold for tautomerization of HPc exceeds the energy
onset of the Ag(111) surface state (E = —63meV), hole transport re-
mained inaccessible. In order to investigate the influence of the band
structure on the propagation of hot charge carriers we compare results
of MONA experiments performed on Ag(111) with the isoelectronic
Cu(111) surface. Our results reveal that due to the lower surface state
onset in Cu(111) at E = —440meV hole-like charge transport can also
be detected.

[1] M. Leisegang et al., Nano Lett. 18, 2165-2171 (2018)

[2] M. Leisegang et al., Phys. Rev. Lett. 126, 146601 (2021)

[3] J. Kiigel et al., Nano Lett. 17, 5106 (2017)

O 82.2 Fri 10:45 S053
Exploring polaron stability and defect structures at the
LisTisO12 (LTO) surface: A combined theoretical and exper-
imental approach — eYu-TE Cuan'!, Martnias Kick?, CRISTINA
Grosu?3, ChrisTorH ScHEURER!, and HARALD OBERHOFER? —

IFritz-Haber-Institut — 2TU Miinchen — 3IEK-9, FZ Jiilich

Spinel LigTisO12 (LTO) is a promising anode material for next-
generation all-solid-state Li-ion batteries (ASSB) due to its "zero
strain" charge/discharge behavior. Pristine, white LT'O possesses poor
ionic and electronic conductivity. Through tailoring the sintering pro-
tocol, one can produce oxygen vacancies, resulting in a performant,
blue LTO material. Polarons induced by oxygen vacancies have been
proposed as one of the origins of the higher electronic conductivity.
However, detailed knowledge about polaron stability, distribution, and
dynamics in LTO bulk and surface has been lacking. By performing
Hubbard corrected density functional theory (DFT+U) calculations we
are able to show that in fact polaron formation and a possible polaron
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hopping mechanism can not only play a significant role in enhancing
electronic conductivity but boost LiT diffusion nearby through lower-
ing the hopping barrier, in line with the experimentally observed im-
proved conductivities.[1,2] In combination with positron lifetime spec-
troscopy data and theoretical positron lifetimes, we arrive at a rather
complete picture of the bulk vs. surface defect chemistry in LTO par-
ticles and the resulting mixed ionic electronic conductivity.

[1] M. Kick et al.,J. Phys. Chem. Lett. 11 (2020), 2535

[2] M. Kick et al., ACS Appl. Energy Mater 4 (2021), 8583

O 82.3 Fri 11:00 S053
Spin-polarized VLEED from Au(111): Surface sensitiv-
ity of the scattering process — eCHRISTOPH ANGRICK!, JUR-
GEN Braun?, and Markus Donaru! — !'Westfilische Wilhelms-

Universitit Miinster — 2Ludwig-Maximilians Universitiat Miinchen

Low-energy electron diffraction from Au(111) shows the well-known
threefold symmetry of the diffracted electron beams despite the six-
fold symmetry of the surface layer. This is due to the influence of
the second and deeper layers and the probing depth of the electrons.
In this work, we investigated Au(111) with spin-polarized very-low-
energy electron diffraction (VLEED) [1,2] experimentally and theoret-
ically. We monitor the reflected specular beam at a fixed polar angle
of incidence of © = 45° while the azimuthal orientation of the crystal
is varied. This puts the surface sensitivity of the VLEED scattering
process to a test.

Our results show that the electron reflection and the spin-orbit-
induced reflection asymmetry along T' M and TM are equivalent. The
observed sixfold symmetry suggests a sensitivity to one atomic layer
only. At agig}lth angles deviating from the high-symmetry directions
I'M and I'M', however, the VLEED signal from Au(111) shows a
threefold symmetry. To reveal the origin of this effect, we varied the
parameters in the calculation. The results indicate a non-negligible
influence of the second atomic layer in the VLEED scattering process.

[1] Burgbacher et al., Phys. Rev. B 87, 195411 (2013)

[2] Angrick et al., J. Phys.: Condens. Matter 33, 115001 (2020)

O 824 Fri11:15 S053
The quantum corral: Pertubation by adatoms and bond-
ing description by LCAO — eANDREAS BERECZUK!, MARTIN
STEINAU', FaBian StiLp?, Franz Joser GiessBiL?, and Kraus
RicHTER! Hnstitut of Theoretical Physics, University of Regens-
burg, Germany — 2Institute of Experimental and Applied Physics,

University of Regensburg, Germany

The quantum corral, first investigated in 1993 [1] consists of a circle of
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48 iron atoms placed on a copper surface and gives rise to a standing
wave pattern of the local charge density (LDOS). Afterwards a plu-
rality of different confinement shapes have been investigated [2,3]. We
revisited this structure in [4] using atomic force microscope (AFM)
and scanning tunneling microscopy (STM). A tight-binding model [5]
provides a LDOS in consistency with STM measurements for the orig-
inal and the perturbed quantum corral. We further consider weak
bonds between the AFM tip and the artifical atom, indicated by a
widely spread LDOS, by using linear combinations of atomic orbitals
(LCAO).

[1] M. F. Crommie et al., Science 262, 218 (1993)

[2] M. Crommie et al., Physica D: Nonlinear Phenomena 83, 98 (1995)
[3] E. Heller et al., Nature 369, 464 (1994)

[4] F. Stilp et al., Science 372, 1196 (2021)

[5] C. W. Groth et al., New J. Phys. 16, 063065 (2014)

O 82.5 Fri11:30 S053
Single-Molecule Ultrafast Fluorescence-Detected Pump—
Probe Microscopy — eDaNIEL Fersca!, PaveL Maryl:2, Jes-
sicaA RuHE3, VicTtor LisiNeTskii!, MarTHias HENSEN!, FRANK
WOURTHNER®#, and ToB1as BrixNErD# — Institut fiir Physikalische
und Theoretische Chemie, Universitat Wiirzburg, Am Hubland, 97074
Wiirzburg, Germany — 2Faculty of Mathematics and Physics, Charles
University, Ke Karlovu 5, 121 16 Prague, Czech Republic — 3Institut
fiir Organische Chemie, Universitat Wiirzburg, Am Hubland, 97074
Wiirzburg, Germany — *Center for Nanosystems Chemistry (CNC),
Universitdt Wiirzburg, Theodor-Boveri-Weg, 97074 Wiirzburg, Ger-

many

The spectroscopic signatures of bulk samples can differ vastly from
those of the respective single molecules. In particular, access to the
femtosecond dynamics of single molecules remains a large experimental
challenge. Here, we present a novel setup consisting of a spectrally tun-
able femtosecond laser source and a scanning confocal fluorescence mi-
croscope with fully reflective excitation geometry and single-molecule
sensitivity. Using a phase-stable interferometer we create a pulse pair
with variable time delay to measure the molecular fluorescence excita-
tion spectrum by means of Fourier-transform spectroscopy. By exciting
the molecule with an additional prior pump pulse, we gain access to
the dynamics of the excited state as a function of the pump-probe
delay, resulting in a fluorescence-detected pump—probe spectrum. We
have obtained first results on single terrylene bisimide molecules and
compare them to a spincoated thin film.

O 82.6 Fri11:45 S053
Anomalies at the Dirac point in doped graphene (B, N, BN)
— oSANGEETA THAKURD2, ARINDAM PrAMANIK®, BAHADUR SiNGH?,
PHiLIP WILLKE?, MARTIN WENDEROTH?, HANs HoFsiss®, GIOVANNI

D1 Santol, Luca Peraccial, and KaLoBaRAN MarTi® — lElettra

Sincrotrone Trieste, Strada Statale 14 km 163.5, 34149 Trieste, Italy
— 2Freie Universitidt Berlin, Institut fiir Experimentalphysik Arni-
mallee 14, 14195 Berlin, Germany — 3Department of Condensed Mat-
ter Physics and Materials Science, Tata Institute of Fundamental Re-
search,Homi Bhabha Road, Colaba, Mumbai 400005, India — 4IV.
Physikalisches Institut, Georg-August-Universitdt Gottingen, 37077
Gottingen, Germany — °II. Physikalisches Institut, Georg-August-
Universitdt Gottingen, 37077 Gottingen, Germany

The changes in the electronic properties of graphene on SiC, induced
by different atomic species, B, N and BN, substituted, via low energy
(25eV) ion bombardment were investigated via angle-resolved photoe-
mission spectroscopy. The anomalies at the Dirac point for B, N, and
BN doped graphene are attributed to the spectral width arising from
the lifetime and momentum broadening in the experiments. An energy
gap at the Dirac point of graphene is not observed even after 5 % of B
and N substitution [1]. These results will provide new insight to tune
the carrier properties of graphene while keeping the Dirac fermionic
properties protected, which is important for exploring its technologi-
cal applications.

[1] A. Pramanik, Sangeeta Thakur et.al. PRL 128, 166401 (2022).

O 82.7 Fri 12:00 S053
Interplay of intrinsic and extrinsic states in pinning and
passivation of m-plane facets of GalN n-p-n junctions —
eLArs FrRETERD?, YunaN WaNGH2, MICHAEL SCHNEDLER', JEAN-
Frangors CARLIN® ) RapuaEL BuTTE?, Nicoras GranpiEan®, HoL-
cER EiseLe?, RaraL Epwarp DuNIN-Borkowskih®, and PHILIPP
EBeErT! — !Peter Griinberg Institut, Forschungszentrum Jiilich
GmbH, 52425 Jiilich, Germany — 2Lehrstuhl fiir Experimentalphysik
IV E, RWTH Aachen University, 52056 Aachen, Germany — 3Institute
of Physics, Ecole Polytechnique Fédérale de Lausanne (EPFL), 1015
Lausanne, Switzerland — *Technische Universitidt Berlin, Institut
fir Festkorperphysik, Hardenbergstr. 36, 10623 Berlin, Germany
— S5Ernst Ruska-Centrum, Forschungszentrum Jiilich GmbH, 52425
Jilich, Germany

Intrinsic and extrinsic pinning and passivation of m-plane cleavage
facets of GaN n-p-n junctions were investigated by cross-sectional scan-
ning tunneling microscopy and spectroscopy. On freshly cleaved and
clean p-type GaN(1010) surfaces, the Fermi level is found to be extrin-
sically pinned by defect states, whereas n-type surfaces are intrinsically
pinned by the empty surface state. For both types of doping, air expo-
sure reduces the density of pinning states and shifts the pinning levels
toward the band edges. These effects are assigned to water adsorption
and dissociation, passivating intrinsic and extrinsic gap states. The
revealed delicate interplay of intrinsic and extrinsic surface states at
GaN(1010) surfaces is a critical factor for realizing flatband conditions
at sidewall facets of nanowires exhibiting complex doping structures.

O 83: Frontiers of Electronic Structure Theory: Focus on Artificial Intelligence Applied to Real
Materials 4

Time: Friday 10:30-13:00

O 83.1 Fri 10:30 S054
Alchemical machine learning for high entropy alloys —
eNATALIYA LOPANITSYNA, GUILLAUME FrAUX, and MicHELE CERI-
oTTI — Ecole Polytechnique Fédérale de Lausanne, Switzerland

High entropy alloys (HEAs) are a class of metallic materials composed
of five or more principal elements. Interest in HEAs has grown over
the last decades due to their exceptional structural and mechanical
properties. HEAs are particularly challenging for atomistic model-
ing. Machine-learning (ML) models have emerged as a promising al-
ternative to inaccurate empirical forcefields and very demanding first-
principles simulations, with the ability to deliver the accuracy of first
principle methods with lower computational resources. However, the
complexity of ML models grows exponentially with the number of dif-
ferent elements due to the unfavourable scaling of their associated fea-
ture space sizes, limiting the chemical diversity of the systems tackled
thus far. To address the problems arising from the high feature space
dimensionality, first, we propose a chemical embedding compression
scheme to reduce the dimensionality of the feature space required for
multi-component systems, based on the framework of Willatt et al [
Phys. Chem. Chem. Phys., 2018 |, and implemented in PyTorch. Sec-
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ond, we generate a dataset of several thousands configurations, assem-
bled from 25 d-block elements, which aims to represent cross-elemental
interactions, evaluating their energies and forces at the DFT level. We
demonstrate the effectiveness of the alchemical ML model in learning
the energetics of this extremely diverse dataset, and provide showcase
calculations of the properties of some realistic HEA compositions.

O 83.2 Fri 10:45 S054
Stacking the odds: Distribution-biased generative deep learn-
ing for molecular design — eJor GiLkes"2, JuLiA WESTERMAYR!,
RHYAN BARRETT®, and REINHARD J. MAURER! — !Department of
Chemistry, University of Warwick, UK — 2HetSys CDT, University of

Warwick, UK — 3Warwick Mathematics Institute, UK

Organic electronics applications pose a number of often competing re-
quirements on molecular design that are hard to satisfy by conventional
synthesis. Devices such as organic light-emitting diodes (OLEDs) must
exhibit closely aligned optoelectronic properties, yet their component
molecules must be easily synthesisable and stable. The odds of find-
ing suitable molecules when drawing random samples from chemical
space are still too low for targeted design of candidate systems for
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OLED devices. We develop an automated molecular design approach
based on iterative biasing of a generative deep learning model. In
successive iterations, the output of this model is filtered with a deep
learning surrogate model of electronic structure and then used to re-
train the generative model with a bias. This enables us to create
models that are progressively biased towards, e.g., higher ionisation
potentials, or smaller fundamental gaps. We also demonstrate how we
can bias towards multiple properties simultaneously by filtering our
results with the SCScore model for synthetic complexity. This creates
more synthetically viable molecules while still meeting optoelectronic
requirements. Our approach efficiently creates novel molecules with
tuned optoelectronic properties. Clustering analysis reveals trends in
bonding patterns which can be utilised in molecular design.

O 83.3 Fri11:00 S054
Machine learning TCP phases with domain knowledge of the
interatomic bond — eMARIANO FORTI, ALESYA BURAKOVSKAYA,
RaLr Drautz, and TuHomas HamMERscHMIDT — ICAMS, Ruhr-
Universitdt Bochum, Universitatsstr. 150, 44801 Bochum, Germany.

The understanding of the precipitation of topological close packed
(TCP) phases in single-crystal superalloys is of central importance for
the design of these materials for high-temperature applications. How-
ever, the structural complexity of these intermetallic compounds and
the chemical complexity of the superalloys with typically N=5-10 ele-
ments hampers the exhaustive sampling of chemical space by density-
functional theory (DFT) calculations. For example, the computation
of the convex hull of the R phase with 11 inequivalent lattice sites
would require N1 DFT calculations in an N-component system. We
overcome this computational limitation by combining machine learn-
ing (ML) techniques with descriptors of the local atomic environment
of the TCP phases. We present descriptors that are derived from
bond order potential (BOP) theory which retain domain knowledge
of the interatomic interaction from tight-binding Hamiltonians. We
demonstrate that these descriptors enable us to predict the structural
stability of TCP phases with simple regression algorithms. We apply
this methodology to several systems with experimental evidence of R
phase formation.

O 83.4 Frill:15 S054
Ab initio random structure search of organic molecules at
substrates — eDwmiTrii MaksiMov!? and MaRriaNa Rossil?2 —
1¥ritz Haber Institute of the Max Planck Society, Berlin, Germany
— 2Max Planck Institute for the Structure and Dynamics of Matter,
Hamburg, Germany

Finding stable structures of molecular adsorbates (in isolation or form-
ing layers) from calculations is challenging, exacerbated when the ad-
sorbates are flexible. To make matters more complicated, in these sit-
uations, it is often difficult to find good and cheap potentials of such
complex interfaces that allow a thorough and reliable global search of
the structural space. To make this problem tractable with ab initio
potentials, we present a random global geometry optimization pack-
age that can explicitly take into account the internal degrees of free-
dom of molecules, their position and orientation with respect to fixed
surroundings, as well as periodic boundary conditions [1]. Electronic
structure calculations and local geometry optimizations are performed
through a connection to the ASE software [2], making it possible to in-
terface this algorithm with various codes. To increase the efficiency of
geometry optimizations, we introduce a framework to construct initial
approximate Hessians for BFGS algorithms that are specially tailored
to accelerate the relaxation of van der Waals bonded structures and
handle large structural changes. We showcase the algorithm for the
adsorption of di-L-alanine at Cu(110). [1] https://github.com/sabia-
group/gensec [2] Larsen et. al., J. Phys.: Condens. Matter 29, 273002
(2017).

0O 83.5 Fri 11:30 S054
Active learning and element-embedding approach in neural
networks for infinite-layer versus perovskite oxides — ARMIN
SaniNovic and eBENJAMIN GEISLER — Fakultét fiir Physik, Univer-
sitdt Duisburg-Essen
The observation of superconductivity in NdNiOg films on SrTiO3(001)
by Li et al. [1] has sparked considerable interest in the materials class
of infinite-layer oxides. Here we combine first-principles simulations
and active learning of neural networks to explore formation energies
of oxygen vacancy layers, lattice parameters, and their statistical cor-
relations in infinite-layer versus perovskite oxides across the periodic
table, and place the superconducting nickelate and cuprate families in
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a comprehensive context. Neural networks accurately predict these ob-
servables, which act as a fingerprint of the complex reduction reaction,
using only a fraction of the data for training. Unbiased by exter-
nal knowledge, element embedding autonomously identifies chemical
similarities between the individual elements in line with human knowl-
edge. Active learning renders the training highly efficient, based on the
physical concepts of entropy and information, and provides systematic
accuracy control [2]. We recently applied this concept also to nitrides
and fluorides [3]|. This exemplifies how AI may assist on the quantum
scale in discovering novel materials with optimized properties.

[1] D. Li et al., Nature 572, 624 (2019)

[2] A. Sahinovic and B. Geisler, PR Research 3, L042022 (2021)

[3] A. Sahinovic and B. Geisler, J. Phys.: Condens. Matter 34,
214003 (2022)

O 83.6 Fri 11:45 S054
Indirect learning interatomic potential models for accelerated
materials simulations — eJoE D. Morrow and VoLKER L. DE-
RINGER — Department of Chemistry, Inorganic Chemistry Laboratory,
University of Oxford, Oxford OX1 3QR, United Kingdom

Machine learning (ML) based interatomic potentials are emerging tools
for materials simulations but require a trade-off between accuracy and
speed. We show how one ML potential can be used to train another: we
use an existing, accurate, but more computationally expensive model
to generate reference data (labels and locations) for a series of much
faster “indirectly-learned” potentials. Extensive reference datasets can
be easily generated without the need for quantum-mechanical refer-
ence computations at the indirect learning stage, and we find that the
additional data significantly improve the predictions of fast potentials
with less flexible functional forms.

We apply the technique to disordered silicon, including a simulation
of vitrification and polycrystalline grain formation under pressure with
a system size of a million atoms. When comparing indirectly learned
potentials to models learned directly from a DFT-labelled database,
the latter make unphysical predictions for large systems (10° atoms)
that are not apparent in smaller simulations (< 10* atoms). This em-
phasises the importance of carefully validating ML potentials chemi-
cally, not only via numerical error measures. Our work provides con-
ceptual insight into the machine learning of interatomic potential mod-
els, and it suggests a route toward accelerated simulations of nanos-
tructured materials.

O 83.7 Fri 12:00 S054
Predicting hot electrons free energies from ground-state data
— oCHIHEB BEN ManMouUD, FEDERICO GRASSELLI, and MICHELE
CeriorTi — EPFL, Lausanne, Switzerland

Machine-learning potentials, while extremely successful in describing
the stability of condensed phases, are usually trained on ground-state
electronic-structure calculations depending exclusively on the atomic
positions and ignoring the electronic temperature. Hence, they are
limited in their ability to describe hot electrons. We introduce a rigor-
ous framework to calculate the finite-temperature electron free energy
based exclusively on ground-state total energy and electronic density
of states, while allowing to sample on-the-fly the electronic free energy
at any temperature [1]. Our physically-motivated approach facilitates
modeling material properties in extreme conditions with a fraction of
the usual cost. We demonstrate it by computing the equation of state
and heat capacity of hydrogen in planetary conditions. This approach
demonstrates the impact of a universal model describing structural
and electronic properties inexpensively and its ability to enable more
accurate and predictive materials modeling and design.

[1]: C Ben Mahmoud, F Grasselli, M Ceriotti*- arXiv preprint
arXiv:2205.05591, 2022

O 83.8 Fri 12:15 S054
Machine Learning the RPA density-density response function
— oMARIO ZAUCHNER, JOHANNES LISCHNER, and ANDREW HORs-
FIELD — Imperial College London, London, United Kingdom

Clusters and nanoparticles are used in a variety of scientific and in-
dustrial applications, including optoelectronics, photocatalysis, single
electron transistors and medical imaging, among others. Electronic
excitations often play a key role in these applications, but theoretical
techniques for calculating excited-state properties of materials, such
as the first-principles GW /Bethe-Salpeter method, are typically lim-
ited to very small systems. A key bottleneck of such excited-state
calculations of clusters and nanoparticles is the determination of the
static density-density response function, which is often calculated us-
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ing a sum-over-states technique. In this talk, we present a technique
to decompose the density-density response function into atomic contri-
butions. This can be achieved by exploiting the locality of the density-
density response function in non-metallic systems. These atomic con-
tributions can then be used to train a machine-learning model us-
ing a set of structural features with the same rotational symmetry as
the atomic response functions, thus allowing direct prediction of the
density-density response function using only structural information.

O 83.9 Fri12:30 S054
MD-based Raman Spectra using Machine Learning —
eMANUEL GRUMET!, KARIN S. THALMANN!, ToMASs Bucko?:3, and
Davip A. Eccer! — Department of Physics, Technical University of
Munich, Garching, Germany — 2Comenius University in Bratislava,

Slovakia — 3Slovak Academy of Sciences, Slovakia

Theoretical calculations of Raman spectra based on molecular dynam-
ics (MD) trajectories allow to directly incorporate both anharmonic
and temperature-dependent effects and thus yield more realistic spec-
tra compared to a phonon-based approach [1]. The spectra can be
calculated from the Fourier-transformed velocity correlation function
of the polarizability tensor . However, this requires evaluating « for
a large number of MD configurations along each trajectory, which has
high computational cost if done by ab-initio methods.

We therefore use kernel-based machine learning (ML) methods with
density-based descriptors [2, 3] to predict o based on atomic positions.
Ab-initio calculations are then only needed for obtaining a training
data set, reducing the computational cost significantly. We use a num-
ber of test systems, including both solids and small molecules, to test
and optimize several different variants of this approach and compare
the achieved prediction performances. We also test transferability of
the trained models to trajectories at different temperatures.

O 84: Overview Talk Claus M.
Time: Friday 13:15-14:00

Invited Talk O 84.1 Fri13:15 S054
Exploring the Mysteries of Topology in Quantum Materi-
als — eCrLaus M. ScHNEIDER — Peter Griinberg Institut PGI-6,
Forschungszentrum Jiilich, 52425 Jiilich

A characteristic feature of emergent or quantum materials is the com-
petition of various spin-dependent interactions, such as spin-orbit cou-
pling and exchange interaction. In addition, depending on the mate-
rial system, there may be a breaking of time-reversal and/or inversion
symmetries at play. As a consequence, topological materials may range
from metals to insulators. In the vicinity of the Fermi level, this sit-
uation leads to peculiar electronic dispersions associated with Dirac
and Weyl points, eventually also resulting in complex spin textures

[1] M. Thomas et al., Phys. Chem. Chem. Phys. 15, 6608 (2013)
[2] A. P. Bartok et al., Phys. Rev. B 87, 184115 (2013)
[3] A. Grisafi et al., Phys. Rev. Lett. 120, 036002 (2018)

O 83.10 Fri 12:45 S054
Thermal Transport via Green-Kubo Method and
Message-Passing Neural-Network Potentials — MARrceL F.
LanceRr!2, FLoriaN KNooP?:3, CHRISTIAN CARBOGNO?, MATTHIAS
ScuerrLER?, and eMatTHias Rupp?? — 1TU Berlin, Germany —
2The NOMAD Laboratory, FHI-MPG & HU Berlin, Germany —
3Theoretical Physics Division, Linképing U, Sweden — 4Konstanz U,
Germany

Accurate, precise, and efficient computational access to thermal con-
ductivities of materials is relevant for scientific understanding and in-
dustrial applications. The Green-Kubo method with first-principles
calculations enables the determination of thermal conductivities, even
for strongly anharmonic materials [1]. However, the high computa-
tional cost of long dynamics simulations of large supercells required for
convergence limits applicability for large-scale, high-throughput mate-
rials discovery. Machine-learning potentials can reduce this cost [2].

Message passing neural networks (MPNNs) are a promising, but for
this task yet untested, class of models due to their relational inductive
bias, implicit long-range nature, and ability to incorporate directional
information. We adapt the heat flux definition for MPNNSs, investigate
the impact of equivariance, present a systematic account of their con-
vergence behavior and performance, and compare them to a simpler
baseline model.

[1]: C. Carbogno, R. Ramprasad, and M. Scheffler, Phys. Rev. Lett.
118 175901 (2017) [2]: P. Korotaev et al., Phys. Rev. B 100 144308
(2019); C. Mangold et al., J. Appl. Phys. 127, 244901 (2020); C. Verdi
et al., NPJ Computer. Mat. 7 156 (2021)
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in momen- tum space. The interplay of competing mechanisms of-
ten results in unusual charge and spin transport phenomena in such
materials. In order to understand the physical properties of quantum
materials on a fundamental level, we need to explore these electronic
states in detail and disentangle the role of the various interactions.
For this purpose, we employ electron spectroscopic approaches, which
explicitly take the electron spin as an experimental quantity into ac-
count. In this contribution we discuss an avenue starting from simple
single-crystalline systems (e.g, W(011), Fe(100) and Co(100)) to more
complex 2D and 3D quantum materials and detail the role of the in-
dividual interactions and symmetry-breaking mechanisms by experi-
mental examples.



