
UC San Diego
UC San Diego Electronic Theses and Dissertations

Title
Indirect Exciton Propagation in van der Waals Heterostructures

Permalink
https://escholarship.org/uc/item/6sk9x5jr

Author
Fowler-Gerace, Lewis H.

Publication Date
2022
 
Peer reviewed|Thesis/dissertation

eScholarship.org Powered by the California Digital Library
University of California

https://escholarship.org/uc/item/6sk9x5jr
https://escholarship.org
http://www.cdlib.org/


 

 

 

 

UNIVERSITY OF CALIFORNIA SAN DIEGO 

 

 

Indirect Exciton Propagation in van der Waals Heterostructures 

 

A Dissertation submitted in partial satisfaction of the requirements  

for the degree of Doctor of Philosophy  

 

in  

 

Materials Science and Engineering 

 

by 

 

Lewis H. Fowler-Gerace 

 

 

Committee in charge: 

Professor Leonid Butov, Chair 

Professor Monica Allen, Co-Chair 

Professor Shadi Dayeh 

Professor Michael Fogler 

Professor Brian Maple 

 

 

 

2022  



 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

Copyright 

 

Lewis H. Fowler-Gerace, 2022 

 

All rights reserved.



 

iii 

 

 

 

The Dissertation of Lewis H. Fowler-Gerace is approved, and it is 

acceptable in quality and form for publication on microfilm and 

electronically. 

 

 

 
 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

 

University of California San Diego 

 

2022 

 
 

 



iv 

 

EPIGRAPH 
 

 

 

See that the imagination of nature is far, far greater 

than the imagination of man. 

– Richard Feynman



 

v 

 

TABLE OF CONTENTS 
 

Dissertation Approval Page ........................................................................................................... iii 

Epigraph ......................................................................................................................................... iv 

Table of Contents .............................................................................................................................v 

List of Figures ............................................................................................................................... vii 

Acknowledgements ...................................................................................................................... viii 

Vita ...................................................................................................................................................x 

Abstract of the Dissertation ........................................................................................................... xi 

Chapter 1 Introduction to Indirect Excitons .............................................................................1 

1.1 Background .....................................................................................................1 
1.2 Excitonic Computation ....................................................................................2 

1.3 Direct and Indirect Excitons ............................................................................2 
1.4 Indirect Excitons in Transition-Metal Dichalcogenides..................................6 
1.5 Crystal Structure of TMD Materials ...............................................................7 

1.6 IX Localization and Propagation within the TMD System .............................8 
1.7 Outline of the Dissertation ..............................................................................9 

Chapter 2 Experimental Methods ...........................................................................................10 

2.1 Sample Fabrication ........................................................................................10 

2.2 Optical Measurements ...................................................................................12 

Chapter 3 Indirect Trions ........................................................................................................16 

3.1 Introduction ...................................................................................................16 
3.2 Results and Discussion ..................................................................................18 

3.3 Luminescence Maps ......................................................................................26 
3.4 Power and Voltage Dependence ...................................................................27 
3.5 Temperature Dependence of Sample S .........................................................29 
3.6 Simulations ....................................................................................................29 
3.7 Conclusion and Outlook ................................................................................35 

3.8 Acknowledgements .......................................................................................35 

Chapter 4 Voltage-Controlled IX Propagation .......................................................................36 

4.1 Introduction ...................................................................................................36 
4.2 Experiment ....................................................................................................40 
4.3 Discussion .....................................................................................................45 
4.4 Conclusions and Outlook ..............................................................................50 
4.5 Acknowledgements .......................................................................................51 
 



vi 

 

Chapter 5 Quantum Transport of Indirect Excitons ...............................................................52 

5.1 Introduction ...................................................................................................52 
5.2 Results ...........................................................................................................54 
5.3 Drift-Diffusion Model of IX Transport .........................................................62 

5.4 Conclusions and Outlook ..............................................................................65 

Bibliography ..................................................................................................................................66 

 

  



vii 

 

LIST OF FIGURES 
 

Figure 1.1: Schematic for IX formation ...........................................................................................3 
 

Figure 2.1: Micromechanical transfer stage ...................................................................................12 

Figure 2.2: Sample positioner stage ...............................................................................................14 
Figure 2.3: Laser diode heater .......................................................................................................15 
 

Figure 3.1: Van der Waals MoSe2/WSe2 heterostructure ..............................................................18 
Figure 3.2: IX Luminescence in the CQW flake and bright spot ..................................................20 
Figure 3.3: Gate voltage dependence of the bright spot ................................................................22 
Figure 3.4: Exciton and trion temperature spectra. ........................................................................24 
Figure 3.5: Trion/exciton intensity ratio ........................................................................................25 

Figure 3.7: Sample M luminescence maps ....................................................................................27 

Figure 3.6: Sample S luminescence maps......................................................................................27 

Figure 3.8: Bright spot power dependence ....................................................................................28 

Figure 3.9: CQW flake gate voltage dependence ..........................................................................29 
Figure 3.10: Extended temperature dependence ............................................................................30 
Figure 3.11: Trion/exciton simulations ..........................................................................................31 

Figure 3.12: Comparison with two states of neutral IXs ...............................................................32 
 

Figure 4.1: Voltage-controlled IX propagation .............................................................................41 

Figure 4.2: IX energy control over entire heterostructure .............................................................42 
Figure 4.3: Excitation power dependence of voltage-controlled IX propagation ..........................43 

Figure 4.4: Temperature dependence of voltage-controlled propagation ......................................44 
Figure 4.5: Position dependence of voltage-controlled propagation .............................................46 

Figure 4.6: Luminescence decay of voltage-controlled propagation .............................................49 
 

Figure 5.1: Resonant excitation enhances IX propagation ............................................................55 

Figure 5.2: IX propagation kinetics ...............................................................................................57 

Figure 5.3:     diagram for IX propagation length ...................................................................60 
Figure 5.4: IX decay kinetics. ........................................................................................................61 

Figure 5.5: Dependence of         on IX interaction energy ......................................................63 

Figure 5.6: Dependence of         on temperature .....................................................................64 
 

 

  

file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183514
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183515
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183516
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183517
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183518
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183519
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183520
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183521
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183522
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183523
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183524
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183525
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183526
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183527
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183528
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183529
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183530
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183531
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183532
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183533
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183534
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183535
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183536
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183537
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183538
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183539
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183540
file:///C:/Users/Lewis%20Fowler-Gerace/Desktop/THESIS/draft1_14Jun22_2.docx%23_Toc106183541


viii 

 

ACKNOWLEDGEMENTS 

 

 

I would like to thank my advisor Professor Leonid Butov for his patience and dedication 

to training me as a scientist. His rigorous approach to experimental research serves as a 

guidepost which I will take with me for the rest of my career. 

I am thankful for the senior class of graduate students when I joined the lab: Erica 

Calman for teaching me about optics, Chelsey Dorow for her humor, Matt Hasling for his 

excellent hats. I would like to thank my coworker Darius Choksy for helping me talk through my 

experiments when I encountered problems (which was often). I also thank Dr. Ryan Nichols and 

Dr. Sheng Hu for valuable discussions during a critical stage of my project when I was adapting 

a fabrication procedure to work within the UCSD cleanroom facilities. 

Finally, I would like to thank my friends and family for all their support. My parents 

provided both an ear for my problems, as well as a helpful nudge to keep moving when the going 

was rough. My friends have provided me with an incredible level of support, giving me a mental 

escape from my work whenever I needed it. 

 The text of chapter 3, in part, is a reprint of the material as it appears in E. V. Calman, L. 

H. Fowler-Gerace, D. J. Choksy, L. V. Butov, D. E. Nikonov, I. A. Young, S. Hu, A. Mischenko, 

and A. K. Geim, Indirect Excitons and Trions in MoSe2/WSe2 van der Waals Heterostructures. 

Nano Lett. 20, 1869 (2020). © American Chemical Society, where the dissertation author is the 

co-first author. The co-authors in these publications directed, supervised, and co-worked on the 

research which forms the basis of this chapter. 

The text of chapter 4, in part, is a reprint of the material as it appears in L. H. Fowler-

Gerace, D. J. Choksy, and L. V. Butov, Voltage-controlled long-range propagation of indirect 



ix 

 

excitons in a van der Waals heterostructure. Phys. Rev. B, 104, 165302 (2021). © American 

Physical Society, where the dissertation author is the first author. The co-authors in these 

publications directed, supervised, and co-worked on the research which forms the basis of this 

chapter. 

The text of chapter 5, in part, has been submitted for publication of the material, L. H. 

Fowler-Gerace, Z. Zhou, E. A. Szwed, and L. V. Butov, Long-range quantum transport of 

indirect excitons in van der Waals heterostructure, https://arxiv.org/abs/2204.09760 (2022), 

where the dissertation author is the first author. The co-authors in these publications directed, 

supervised, and co-worked on the research which forms the basis of this chapter.  

https://arxiv.org/abs/2204.09760


x 

 

VITA 

 

 

2015  B. A. in Physics,  

Wesleyan University 

 

2015   Quality Assurance Intern, 

TRACON Pharmaceuticals, Inc. 

 

2016 M. S. in Materials Science and Engineering, 

 Department of Mechanical and Aerospace Engineering 

University of California San Diego 

 

2017 Graduate Teaching Assistant,  

Department of Chemistry,  

University of California San Diego 

 

2022 Ph. D. in Materials Science and Engineering,  

 Department of Mechanical and Aerospace Engineering 

University of California San Diego 

 

 

 

 

PUBLICATIONS 

 

L. H. Fowler-Gerace, Z. Zhou, E. A. Szwed, and L. V. Butov, Long-range quantum transport of 

indirect excitons in van der Waals heterostructure, https://arxiv.org/abs/2204.09760 

 

L. H. Fowler-Gerace, D. J. Choksy, and L. V. Butov, Voltage-controlled long-range propagation 

of indirect excitons in a van der Waals heterostructure. Phys. Rev. B, 104, 165302 (2021) 

 

E. V. Calman*, L. H. Fowler-Gerace*, D. J. Choksy, L. V. Butov, D. E. Nikonov, I. A. Young, 

S. Hu, A. Mischenko, and A. K. Geim, Indirect Excitons and Trions in MoSe2/WSe2 van der 

Waals Heterostructures. Nano Lett. 20, 1869 (2020) 

*equal contribution 

 

L. R. Smith, L. Fowler-Gerace, and R. L. Lieber, Muscle extracellular matrix applies a transverse 

stress on fibers with axial strain, Journal of biomechanics 44, 1618 (2011)  



xi 

 

 

 

 

 

 

 

ABSTRACT OF THE DISSERTATION 
 

Indirect Exciton Propagation in van der Waals Heterostructures 

 

 

by 

 

Lewis H. Fowler-Gerace 

 

Doctor of Philosophy in Materials Science and Engineering 

University of California San Diego, 2022 

Professor Leonid Butov, Chair 

Professor Monica Allen, Co-Chair 
 

Spatially indirect excitons (IXs), also known as interlayer excitons, are bound pairs of an 

electron and a hole in spatially separated layers. IXs can propagate over long distances before 

they recombine into light, and they can cool down below the temperature of quantum degeneracy 

within their lifetimes, which can be controlled by gate voltage up to microseconds and beyond. 

These properties make IXs a promising platform for studying fundamental physics phenomena 

and as the medium for highly efficient signal processing devices. IXs were originally studied in 

gallium arsenide (GaAs) heterostructures, where IXs have shown evidence for Bose-Einstein 

condensation, and proof of principle has been demonstrated for excitonic transistors and 
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excitonic integrated circuits. IXs only exist at low temperatures in GaAs systems due to the low 

IX binding energy on the order of 10 meV. In the transition-metal dichalcogenide (TMD) 

heterostructure system, the IX binding energy is predicted to be more than two orders of 

magnitude higher, making IXs stable at room temperature and allowing for the possibility of 

high temperature IX superfluidity. To date, observation of some of the key IX behaviors, namely 

the long-range IX transport and evidence of IX condensation, has remained elusive in the TMD 

system. This dissertation characterizes the IX spectrum in a MoSe2/WSe2 heterostructure, 

demonstrates the realization and control of long-range IX propagation using a new mechanism 

beyond the know mechanism for IX control in GaAs heterostructures, and separately identifies a 

quantum origin for the propagation of IXs generated by resonant excitation in the TMD 

heterostructure.  
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Chapter 1 

Introduction to Indirect Excitons 

1.1 Background 
 

 

Over the last half a century, computers have reached near ubiquity in modern life. Their 

cost has decreased, and computational power has increased by many orders of magnitude over 

that time. In 1965, Gordon E. Moore speculated that the number of transistors that could fit onto 

a square of silicon would roughly double every two years [1], and this progress, dubbed Moore’s 

law, has held nearly constant for almost fifty years. However, in the last decade, this trend 

appears to be slowly down, and the gains in transistor density come at a much greater cost in 

terms of the state-of-the-art fabrication equipment need to sustain such year-over-year 

improvements [2]. Many different approaches have been employed to meet the demand for 

increased computational power, such as advanced lithographic processes, more efficient 

algorithms, and even fundamentally different computation architectures such as quantum 

computers. Another exotic computer could be based on a new computation state variable- the 

excitonic state, different from the electronic state used in conventional computers. Although the 

field of excitonic computation is still in its infancy, there has been substantial interest in studying 

these systems, because they offer the possibility of highly efficient signal processing, direct 

conversion with light for computation involving optical inputs and outputs, and nanoscale size 

limited only by the exciton de Broglie wavelength and Bohr radius, which can reach on the order 

of nanometers [3]. 
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1.2 Excitonic Computation 
 

 

In an electronic transistor, information is carried by the electric potential of the device 

relative to some threshold. Below that threshold, the device is off, at logic 0, and above that 

threshold the device is on, at logic 1—chaining many transistors together allows encoding 

arbitrary strings of 1s and 0s, forming the basis for modern computational electronics. An 

excitonic transistor can operate on a similar principle, except the relevant threshold is relative to 

the excitonic potential, different from the electronic potential [4,5]. To perform computations, 

many transistors need to change states from off to on and vice versa. Switching between states 

involves moving charges across the threshold potential difference (e.g. the gate potential in a 

metal-oxide field effect transistor), which is approximately one volt in silicon based electronics. 

Since conventional transistor have finite resistances, charging up the transistor across 1 volt 

consumes energy, and that energy is dissipated as heat in the system. Heat dissipation is one of 

the limitations in designing systems with greater transistor density—this contributes to why the 

CPU on a computer extends primarily in two dimensions—the third dimension cannot be equally 

utilized, or the chip would overheat. In contrast, the ideal excitonic transistor could operate 

around a much lower threshold difference between its off and on state, and this lower switching 

voltage could dramatically reduce the energy required and heat dissipated [3].   

1.3 Direct and Indirect Excitons 
 

 

Excitons offer the possibility for high efficiency devices due to their fundamental nature 

as bosonic particles. Unlike fermionic electrons, excitons are composite particles consisting of 

both an electron and a hole, bound together by the coulomb force. Direct excitons (DXs) consist 

of an electron and hole confined in the same spatial layer of a material. For optically generated 
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DXs, the positively charged vacancy, or hole, produced by an electron leaving the valence band 

interacts with the negatively charged electron in the conduction band via the coulomb force. This 

interaction lowers the energy of the composite particle, making it the energetically favorable 

state with the energy               where    is the band gap of the material and        is 

the binding energy of the direct exciton within the Bohr model. When the electron and the hole 

exist within the valence and conduction bands of the same layer of the material (Figure 1.1b), the 

lifetime of the particle before it recombines into light is very short, on the order of tens of 

picoseconds [6]. In order for excitons to travel over meaningful distances, e.g. the dimensions of 

an excitonic device, the lifetime of the particle needs to be extended to much longer timescales. 

This is accomplished by separating the electron and the hole that comprise the exciton into 

physically different layers of a material, for example into two coupled quantum wells of a 

gallium arsenide (GaAs) heterostructure (Figure 1.1a,b) [7].  

The exciton with electron and hole in spatially separated layers is called a spatially 

indirect exciton, or interlayer exciton (IX). Their spatial separation gives IXs a permanent out-of-

plane dipole, which allows for controlling the IX energy (figure 1.1b,c) and lifetime by an 

applied electric field, where                     (  the electron charge,    the separation 

distance between quantum well layers,    the applied electric field), and the reduction in IX 

Figure 1.1: Schematic for IX formation. (a) Schematic real-space layer diagram of a coupled quantum 

well GaAs heterostructure. (b) Schematic energy band diagram showing DXs and IXs. (c) IX energy 

change with applied voltage. 
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energy with applied field is accompanied by an increase in the IX lifetime by orders of 

magnitude [8]. The long lifetimes allow IXs to cool down to the lattice temperature of the 

material in which they exist, and in turn, cool down below the temperature of quantum 

degeneracy              (  the exciton density,   the exciton mass) and form a 

condensate in momentum space [9]. Evidence for IX condensation in GaAs heterostructures has 

been observed in terms of: huge broadband noise in the IX luminescence and lifetimes [10]; 

large increase in the exciton diffusivity and radiative decay rate [11]; stimulated scattering into 

low energy states [12]; macroscopic long-range order in the exciton state [13]; enhancement of 

the coherence length well beyond the classical value [14]; and long scattering times for ballistic 

IX propagation [15]. Such condensates can exhibit vanishing resistance to propagation and 

strongly suppressed thermal tails in the IX energy distribution, offering the opportunity to 

develop highly energy efficient excitonic devices [3].  

Along with their long lifetimes, the second property of IXs that facilitates their 

propagation over long distances is the repulsive IX interaction originating from their permanent 

out-of-plane dipole moment. Even the highest quality quantum well systems contain defects or 

alloy fluctuations in the layer interfaces, and these factors introduce random potentials in the in-

plane energy landscape felt by IXs which can lead to IX localization [16]. The repulsive IX 

interaction [17] means that sufficient IX density can screen these random potentials, like water 

filling in the bumps and cracks in pavement. The screened in-plane potentials provide a smaller 

barrier to the exciton propagation [18], and IX propagation over hundreds of microns has been 

observed in the GaAs heterostructure system [19]. 

Control of IX propagation is achieved by applied electric field across the heterostructure 

which shapes the in-plane variation of the exciton potential. IXs follow the energy gradient, so a 
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variation in the voltage applied to the electrodes can create a controllable energy landscape that 

produces a directional drift current of indirect excitons [20]. Variations on this method have been 

exploited to realize numerous devices for directing exciton propagation, such as ramps [21], 

conveyers [22], and traps [23]. The kinetics of IX propagation within these and many other 

potential landscapes is well described by the drift-diffusion model for IXs developed in [24] (see 

also section 5.3 in this thesis). 

The long-range IX propagation, facilitated by long lifetimes and disorder screening, 

along with the control of IX drift current by applied voltage, enabled the realization of proof-of-

principle excitonic transistors [5] and integrated circuits [25]. In these devices, the IX transistor 

was switched from off to on by a gate electrode which controlled a barrier to IX transport. The 

voltage on the gate was switched around a threshold which controlled whether the IXs can 

propagate across the barrier, and the width of the IX energy distribution contributes to the 

efficiency of the device. The highest efficiency would be realized when the IX system is 

condensed into a single state below the temperature of quantum degeneracy. However, realistic 

exitonic devices should be robust at easily achievable temperatures to minimize the energy cost 

of the entire system. The limitation of IXs is that they can only exist at temperatures roughly 

below            [26]. In the GaAs/AlGaAs systems,        is around 4 meV [27], reaching 

10meV in GaAs/AlAs type II heterostructures [28], and up to 30meV in ZnO 

heterostructures [29]. These low binding energies make IXs in these heterostructures stable only 

at low temperatures, and the coherence phenomena discussed above only observed in GaAs 

below approximately a few degrees Kelvin [14]. In the low temperature regime, devices based on 

indirect excitons would be impractical for anything beyond research or space-based applications, 

where low temperatures are only accessible at great expense. 
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1.4 Indirect Excitons in Transition-Metal Dichalcogenides  
 

 

In the last decade, a class of 2-dimensional materials called transition-metal 

dichalcogenides (TMDs) has emerged with possible applications from wearable electronics to 

solar cells to transistor electronics, boasting impressive flexibility, transparency, and charge 

carrier mobility [30,31]. The TMD materials are two-dimensional sheets comprised of a 

transition-metal such as tungsten or molybdenum, sandwiched in between two layers of 

chalcogen atoms like sulfur or selenium. Materials within this class can be grown as crystals of 

macroscopic dimension with the layers of held together by the van der Waals force, or 

synthesized as a single layer in a laboratory using a technique such as chemical vapor deposition. 

Isolated single layers of these materials have an atomic thickness of less than one nanometer [32] 

and show changes in their optical and electronic response as a function of the number of layers. 

When the thickness of these materials is reduced from bulk thickness to a single monolayer, they 

transition from an indirect band gap to a direct band gap semiconductor, resulting in their strong 

light-matter interaction and efficient photoluminescence [33,34]. This strong optical response 

makes them a promising platform for the development of excitonic devices.  

The IX binding energy within a quantum well system depends on the strength of the 

coulomb interaction, and the coulomb interaction scales as       (   is the separation distance 

between the quantum well layers,   the dielectric constant of the material). In the TMD system, 

the quantum well layers are two monolayer TMDs stacked together. Both the reduced distance 

between the electron and hole layers (~ 1nm for TMD vs. ~ 10nm for GaAs), and the lower out-

of-plane dielectric constant (~ 7 for TMDs vs. ~ 12 for GaAs) [35,36] contributes to the much 

larger IX binding energy, predicted to be up to 350meV for TMD heterostructure systems [37]. 

This high binding energy makes IXs robust at room temperature and raises the maximum IX 
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density that can be achieved before dissociation at the Mott transition into an electron-hole 

plasma, which in turn leads to a predicted high temperature of quantum degeneracy for IXs [38]. 

1.5 Crystal Structure of TMD Materials 
 

 

Observation of IXs in the TMD system is complicated by the crystal structure of the 

monolayer materials. The materials are direct gap semiconductors with a hexagonal crystal 

lattice and a conduction and valence band minima at the K and K’ valleys in the Brillouin zone, 

with the two valleys connected by time-reversal symmetry [39]. IXs within a TMD 

heterostructure exist with the electron layer occupying the conduction band of one monolayer 

and the hole layer within the valence band of the other monolayer. The relative orientation of the 

crystal axes of the two monolayers can lead to a finite center-of-mass momentum mismatch 

between the electrons and holes at the K-points within the respective monolayers, and if the 

mismatch is large enough, the ground state IX will exist with a momentum well outside the light 

cone [40]. The momentum mismatch between electron and hole leads to greatly suppressed 

optical response unless the crystal axes of the monolayers are aligned within 0 (AA stacking, R-

type) or 60 (AB stacking, H-type) degrees of each other [41].  

Mechanically stacking together monolayer crystals inevitably results in some degree of 

crystal lattice angle mismatch between the two layers. An angle mismatch between the crystal 

lattice axes of the materials, along with any mismatch in the lattice constants of the materials, 

causes the formation of a moiré superlattice. The moiré superlattice results from the periodic 

variation in the positions of the atoms of each layer relative to one another within the plane of the 

heterostructure, and in turn produces a locally varying bandgap with the period   

  √       , where   is the lattice constant,    is the lattice constant mismatch,    is the 
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twist angle deviation from either 0 or 60 degree crystal axis alignment between the layers. The 

moiré pattern has been directly imaged by scanning tunneling microscopy for lattice 

mismatched [42] and twisted [43] TMD bilayers. The moiré superlattice potential is predicted to 

cause modulations in the IX energy of ~ 25 and 100 meV, for AB and AA stacking, 

respectively [44,45]. For very small twist angles (close to 0 or 60 degrees) the lattice angle 

misalignment can lead to discreet reconstructed domains of perfect crystallographic alignment 

separated by domain walls, where the degree of atomic reconstruction depends on the decrease in 

stacking energy from adopting reconstructed domains relative to the increased intralayer strain 

energy [46]. 

1.6 IX Localization and Propagation within the TMD 

System 
 

 

Studies of IXs in TMD systems began with identifying the key features of IX 

luminescence, namely the energy shift with voltage, the IX repulsive interaction, the long IX 

lifetime, and the observation and control of IXs at room temperature [47–49]. However, despite 

long IX lifetimes, observation of long-range propagation of IXs, one of the key requirements for 

development of excitonic devices, has remained elusive. Relatively short-range IX propagation 

over a few microns has been reported [50–58], but the absence of propagation lengths on the 

same order of magnitude as observed in GaAs systems can be related to the presence of the 

moiré superlattice potentials. TMD heterostructures synthesized by chemical vapor deposition in 

situ can exhibit perfect alignment between the crystal axes of the two layers [59] (using 

monolayers with the same chalcogen atoms leads to a low lattice constant mismatch < 

0.3% [60]). However, current monolayer deposition techniques produce TMD monolayers with 

reduced quality, as evidence by the larger linewidth of the direct exciton luminescence [61]. The 
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larger linewidth implies a greater disorder potential felt by IXs in the material, and this disorder 

potential may also play a substantial role in localizing IXs and suppressing their transport.  

Along with the disorder potentials, variations in the exciton potential caused by moiré 

superlattices is predicted to be an obstacle to exciton transport, and observations of IX transport 

in the presence of these potentials is a key milestone for the development of IX devices in the 

TMD heterostructure system.  

1.7 Outline of the Dissertation 
 

Following the introductory chapter, chapter 2 of this thesis presents the methods for TMD 

sample fabrication and the optical spectroscopy employed as the main experimental technique. 

Chapters 3, 4, and 5 form body of this thesis, presenting: (i) identification of the characteristic 

spectral features of the IX luminescence within the MoSe2/WSe2 TMD heterostructure system; 

(ii) the observation of voltage-controlled IX propagation in the presence of the predicted 

localization potentials; (iii) resonant-enhanced long-range IX propagation that goes beyond the 

known mechanisms for IX propagation within the classical drift-diffusion model, suggesting a 

quantum origin to the propagation. The texts in each of chapters 3, 4, and 5 are presented as 

stand-alone works and follow from the published or submitted manuscripts.  
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Chapter 2 

Experimental Methods 

2.1 Sample Fabrication 
 

 

The work reported in chapter 3 was performed in part on a sample fabricated in the 

University of Manchester, UK, in the lab of Andre Geim, and in part on a sample fabricated at 

the cleanroom at UCSD. The cleanroom provides a dust-free environment with a controlled and 

low humidity. The work in chapter 4 and 5 was performed entirely on the sample fabricated at 

UCSD. 

The van der Waals heterostructure was assembled using the dry-transfer peel-and-lift 

technique [62]. Crystals of hBN, MoSe2, and WSe2 were first mechanically exfoliated onto 

Si/SiO2 substrates that were coated with a double polymer layer consisting of polymethyl 

glutarimide (PMGI) and polymethyl methacrylate (PMMA). The 300nm SiO2 top layer of the 

substrate wafer helped to distinguish between monolayer or thicker regions using optical 

contrast [63]. The bottom PMGI was then dissolved with the tetramethylammonium hydroxide 

based solvent CD-26, causing the top PMMA membrane with the target 2D crystal to float on 

top of the solvent. The PMMA membrane functioned both as a support substrate for transferring 

the crystal and as a barrier to protect the crystal from the solvent. Separately, a large graphite 

crystal was exfoliated onto an oxidized Si wafer, which served as the basis for the 

heterostructure. The PMMA membrane supporting the target crystal was then flipped over and 

aligned above a flat region of the graphite crystal using a micromechanical transfer stage (figure 

2.1). The two crystals were brought into contact and the temperature of the stage was ramped to 
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80° C in order to increase adhesion between the 2D crystals and weaken the adhesion between 

the PMMA membrane and the crystal. Then, the PMMA membrane was peeled off leaving the 

bilayer stack on the wafer. The procedure was repeated leading to a multi-crystal stack with the 

desired layer sequence. 

The long WSe2 and MoSe2 edges reach ~ 30 and ~ 20 μm, respectively, which enables a 

rotational alignment between the WSe2 and MoSe2 monolayers. The twist angle estimated from 

the angle between the long WSe2 and MoSe2 edges              (Figure 3.6) 

Substantial efforts were made in the initial adaptation of the procedure to select the ideal 

tape for the mechanical exfoliation. The selected tape is the G-65 variant produced by Adwill, 

used industrially in the silicon wafer dicing process. The tape should be extremely low residue to 

reduce the possibility of contamination and have an intermediate stiffness that does not crack the 

TMD materials during the exfoliation process. The adhesive strength of the tape should be 

greater than the van der Waals attraction between the layers of the TMD bulk material, but not so 

much that it damages the polymer membrane regions outside the TMD crystal area. 

Selection of the photoresist thickness that functions at the polymer membrane is also 

important. Optimal thicknesses of the resist were determined to be ~ 300 nm for the PMMA top 

layer and ~ 700 nm for the PMGI undercut layer. The optical contrast method used to identify 

the monolayer regions of the TMD materials favors thinner polymer layers. However, if the 

polymer layers are too thin, the dry transfer procedure has a large chance of failing due to tearing 

of the membrane. The ~ 1 μm total thickness allows for identification of monolayer regions 

while preserving a robust transfer process with a high chance of success.  
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The micromechanical transfer stage consisted of a frame that supported a rotational 

alignment stage with an accuracy of ~ 0.5 degrees, a homebuilt heater stage with PID loop 

temperature control, and a flexure translation stage for aligning the crystal supported by the 

polymer membrane above the substrate silicon wafer attached to the heater stage. The flexure 

stage has ultra-high linearity, so translation in one axis is completely decoupled from the other 

two axes, critical for the precise alignment of the monolayers. 

Electrical contacts to the heterostructure were patterned using standard optical 

lithography, and liftoff was performed alongside annealing in Remover PG, an N-methyl-2-

pyrrolidone (NMP) based solvent stripper, at 70° C for 12 hours. No ultrasonication was used 

during the lift off step, because the ultrasonication can cause the TMD layers to lift up into the 

solution.  

 

2.2 Optical Measurements 
 

 

Optical experiments were taken using a HeNe laser, a TiSaph laser with tunable 

Figure 2.1: Micromechanical transfer stage. (a) Heater block on top of the rotational alignment stage. 

(b) Flexure translation stage. (c) PID loop heater control box with programmable set temperature and 

adjustable heater power. 
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excitation energy in continuous wave (cw) mode, or a pulsed diode laser for time-resolved 

kinetics measurements. Luminescence spectra were measured using a spectrometer with 

resolution 0.2 meV and a liquid-nitrogen-cooled charge-coupled detector (CCD). The 

experiments were performed in a variable-temperature 4He cryostat, primarily operating at 1.7 

K. For the kinetics measurements, a PicoStar HR TauTec time-gated intensifier was inserted in 

between the spectrometer and the CCD. 

TMD heterostructures with samples areas of around 10-20 μm x 10-20 μm show 

substantial heterogeneity both in the intensity and the energy of the IX luminescence over length 

scales comparable to the optical resolution of the setup of around 1 μm. Sample drift inside the 

cryostat was observed on the order of 5-10 µm per hour, which was almost unnoticeable in the 

larger, more homogeneous GaAs heterostructures but quite problematic in the TMD system—

limiting the positioning accuracy of the laser spot on the sample and the maximum exposure time 

before the sample drifted out of focus. The sample drift comes from fluctuations in the position 

of the sample inside the cryostat, relative to the position of the focusing objective outside the 

cryostat. The results presented in chapter 3 and 4 primarily used this setup with the objective 

outside the cryostat.  

The experimental accuracy was later improved substantially by replacing the objective 

outside the cryostat with a smaller aspheric focusing lens inside the cryostat, with an Attocube 

xyz piezo translation stage allowing for precise sample positioning and focusing. Since the 

objective was inside the cryostat at the same temperature as the sample, fluctuations 

simultaneously affected both the sample and the focusing lens, resulting in greatly reduced 

sample drift relative to the focusing lens of less than 1 µm over 4 hours. The numerical aperture 

of the focusing lens was improved to 0.64, which resulted in a nearly diffraction limited spot size 
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of ~1.5 μm with a spatial resolution of better than 1 μm. The small space inside the cryostat 

necessitated a home-built lens, sample, and piezo stage mount (fig. 2.2). One of the 

consequences of using an aspheric lens instead of an achromatic objective was the change in the 

focus of the emitted light as a function of the wavelength. Since the laser excitation and the IX 

luminescence are separated in wavelength by more than 200 nm, an additional focusing telescope 

was placed in the detection path of the experimental setup, which allowed for tuning the focus of 

the emission to the desired wavelength while preserving a diffraction-limited laser excitation 

spot. 

The improved sample stability made it possible to perform the IX kinetics measurements, 

where the exposure time must be made much longer to compensate for the greatly reduced 

signal. A cost-effective method for tuning a diode laser energy is by simply heating up the diode. 

The semiconductor effective band gap reduces with increasing temperature, resulting in the laser 

energy lowering by around 0.2 nm per degree Celsius of temperature increase, mostly linear 

Figure 2.2: Sample positioner stage. (a) Assembled focusing lens mount and sample positioner. (b) 

Individual components. The Attocube xyz positioner is at the top right. The aspheric focusing lens is just 

below the positioner 
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within the operating range of the laser from 0° to 50° C.  The pulsed laser diode used in the work 

in chapter 5 was heated to 50° C, which red-shifted the laser wavelength by approximately 6nm 

to tune it to the one of the DX resonances in the sample. The heating was accomplished using a 

home-built diode heater connected to a DC power supply. The heater was constructed to 

minimize the thermal flux required to keep the diode warm, which minimized excessive thermal 

gradients that cause the laser diode spot to drift over time. 

  

Figure 2.3: Laser diode heater. (a) Assembled semiconductor laser diode mount and heater. (b) 

Individual parts. Top: PMMA block housing the heater chuck and BNC socket. Bottom left: laser diode 

mounted to a BNC cable connector. Bottom right: Heater chuck machined for good thermal contact with 

the diode can enclosure, and with insulated nichrome heater wire running through the grooves in the 

metal. The two leads were connected to an adjustable DC power supply and the temperature was 

monitored by a thermocouple attached to the heater chuck [blue wire in (a)]. 
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Chapter 3 

Neutral and Charged Indirect Excitons 

3.1 Introduction  
 

An indirect exciton (IX), also known as an interlayer exciton, is a bound pair of an 

electron and a hole confined in spatially separated layers. The spatial separation between the 

electron and hole layers allows achieving long IX lifetimes, orders of magnitude longer than 

lifetimes of direct excitons (DXs) [9]. Due to their long lifetimes, IXs can cool below the 

temperature of quantum degeneracy [12]. The realization of IX quantum Bose gases in GaAs 

heterostructures led to finding of many phenomena, including spontaneous coherence and 

condensation of IXs [14], the spatially modulated exciton state [13,64], the commensurability 

effect of exciton density waves [65], spin textures [66], and the Pancharatnam-Berry phase and 

long-range coherent spin transport in the IX condensate [67]. 

Furthermore, an IX has a built-in electric dipole moment,     (   is the separation 

between the electron and hole layers). As a result, IX energy, lifetime, and flux can be effectively 

controlled by voltage that is explored for the development of excitonic devices. In GaAs 

heterostructures, experimental proof-of-principle demonstrations were performed for excitonic 

ramps [20,68], excitonic acoustic-wave [69] and electrostatic [22] conveyers, and excitonic 

transistors [25]. 

However, the IX range of existence in GaAs heterostructures is limited to low 

temperatures due to low IX binding energies. Excitons exist in the temperature range roughly 
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below           (       is the exciton binding energy,    is the Boltzmann constant) [26]. The 

IX binding energy in GaAs/AlGaAs heterostructures is typically ~ 4 meV [27]. The maximum 

       in GaAs heterostructures is achieved in GaAs/AlAs coupled quantum wells (CQW) and is 

~ 10 meV [28]. The temperature of quantum degeneracy, which can be achieved with increasing 

density before excitons dissociation to electron-hole plasma, also scales proportionally to  

       [38]. In GaAs heterostructures, quantum degeneracy was achieved below few Kelvin [12] 

and the proof of principle for the operation of IX switching devices was demonstrated below ~ 

100 K [70]. IXs with high        reaching ~ 30 meV are explored in ZnO and GaN 

heterostructures [29,71–73]. 

Van der Waals heterostructures composed of atomically thin layers of TMD offer an 

opportunity to realize artificial materials with designable properties [31] and, in particular, allow 

the realization of excitons with remarkably high binding energies [74,75]. IXs in TMD 

heterostructures are characterized by binding energies exceeding 100 meV making them stable at 

room temperature [38]. IXs were observed at room temperature in TMD heterostructures [49]. 

Due to the high IX binding energy, TMD heterostructures can form a material platform both for 

exploring high-temperature quantum Bose gases of IXs and for creating realistic excitonic 

devices. 

IXs are intensively studied in optically excited van der Waals TMD heterostructures with 

coupled electron and hole layers [40,44,45,47–49,51,52,76–94]. IXs can also appear in electron-

electron (or hole-hole) bilayers in a collective electronic state in strong magnetic fields at the 

total Landau level filling factor 1. The latter was realized in GaAs heterostructures [95–100] and 

in graphene—boron-nitride—graphene van der Waals heterostructures [101,102]. 
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3.2 Results and Discussion 
 

In this work, we present studies of IXs in MoSe2/WSe2 heterostructures. We report on the 

observation of charged IXs, i.e. indirect trions (IX
T
). The identification of indirect trions is based 

on the measured energy splitting and temperature dependence of IX and IX
T
 luminescence lines: 

The splitting corresponds to the binding energy for negative indirect trions in TMD 

heterostructures calculated in Ref. [37] and the temperature dependence follows the mass action 

law for the indirect trions. We also report on the realization of IXs with a luminescence linewidth 

reaching 4 meV at low temperatures, the lowest value reported so far for IXs in TMD 

heterostructures. An enhancement of IX luminescence intensity and the narrow linewidth are 

observed in localized spots. 

The MoSe2/WSe2 heterostructures were assembled by stacking mechanically exfoliated 

Figure 3.1: Van der Waals MoSe2/WSe2 heterostructure. The heterostructure layer (a) and real space 

energy band (b) diagrams. The ovals indicate a direct exciton (DX) and an indirect exciton (IX) 

composed of an electron ( ) and a hole ( ). (c) Momentum space energy band diagram around the K 

point. Solid and dashed lines represent spin-up and spin-down bands. Optically active low-energy DX 

and IX states are indicated by arrows. 
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2D crystals on a graphite substrate (Figure 3.1a). The CQW is formed where the MoSe2 and 

WSe2 monolayers overlap. The MoSe2 and WSe2 monolayers are encapsulated by hexagonal 

boron nitride (hBN) serving as dielectric cladding layers. The real-space energy-band diagram is 

shown in Figure 3.1b. IXs are formed from electrons and holes confined in adjacent monolayer 

MoSe2 and WSe2, respectively. These type-II MoSe2/WSe2 heterostructures with staggered band 

alignment are similar to AlAs/GaAs CQW where IXs are formed from electrons and holes 

confined in adjacent AlAs and GaAs layers, respectively [28,70]. In the MoSe2/WSe2 

heterostructures, due to the order of spin-up and spin-down states in valence and conduction 

bands (VB and CB) the lowest energy DX state is optically active in MoSe2 and dark in WSe2, 

and the lowest energy IX state is optically active (Figure 3.1c) [44,94,103–107]. We studied 

heterostructures manufactured in Manchester and San Diego (samples M and S). The order of 

MoSe2 and WSe2 layers is different in samples M and S to probe both configurations. Both 

samples show indirect trions and intensity enhancement in localized spots.  

Along most of the CQW heterostructure area, the IX luminescence intensity varies only 

slightly (Figure 3.2a). We will refer to this CQW heterostructure area as the CQW flake. 

However, we observed bright spots, which exhibit enhanced IX luminescence in comparison to 

the surrounding regions of the CQW heterostructure (Figure 3.2a, 3.6 and 3.7). The CQW flakes 

and CQW bright spots show similar features of neutral and charged IX luminenscence and the 

data for both these regions are presented in this work. 

In this paragraph, we outline phenomenological properties of the bright spots. We note 

that further details of their properties and their origin form the subject for future studies and do 

not affect the conclusions on neutral and charged IXs in this work. The enhancement of IX 

luminescence at the bright spots is localized within ~ 2 µm in sample S and within the length 
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smaller than the 1 µm optics resolution in sample M. In contrast to IX luminescence, the  

intralayer DX luminescence varies only slightly along the CQW heterostructure and does not 

show an intensity enhancement in the bright spots (Figures 3.6 and 3.7). The bright spots form 

naturally with no artificially designed IX confinement such as in electrostatic traps in GaAs 

heterostructures [17,108–113]. The presence of the luminescence bright spot for IXs with a built-

in electric dipole and its absence for DXs with no electric dipole suggests that the bright spots 

originate from an accidental IX trapping due to the background electrostatic potential in the 

heterostructures. The bright spot shows a narrow IX linewidth reaching 4 meV at the lowest 

excitation power tested (Figures 3.2c and 3.8). The IX linewidth in the bright spot is smaller than 

the IX linewidths in the rest of the sample.  

Two lines of spatially indirect luminescence are observed in the spectrum (Figures 3.2b, 

3.3). Due to the IX electric dipole moment,    , the IX energy shifts in the voltage-induced 

electric field in the   direction,   , by          . The energy of two luminescence lines is 

controlled by voltage    applied between the graphene top gate and graphite back gate and 

Figure 3.2: IX Luminescence in the CQW flake and bright spot. (a) 𝒙-𝒚 map of indirect luminescence 

(spectral range 1.24–1.46 eV) in sample S. Indirect luminescence intensity is enhanced in a bright spot 

observed near the top of the CQW flake. The layer boundaries are shown. (b) The luminescence spectrum 

at the CQW flake in sample S at excitation power 𝑷𝐞𝐱 = 3.4, 1, and 0.5 mW (top to bottom). (c) The 

luminescence spectrum at the bright spot in sample M at 𝑷𝐞𝐱 = 10 µW. The laser excitation is defocused 

in (a) and focused at the flake center in sample S (b) and at the bright spot in sample M (c). T = 1.7 K, 𝑽𝐠 

= 0. All luminescence intensities are normalized. 
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creating the bias across the CQW structure (Figure 3.3), indicating that both these lines 

correspond to spatially indirect luminescence.  

The IX line splitting of 28 meV (sample S, Figure 3.2b) [26 meV (sample M, Figure 3.3)] 

is much smaller than the WSe2 VB spin-orbit splitting [114]. Therefore, both IX transitions 

involve holes in the upper VB subband (B excitons considered in Ref. [114] are not involved). 

The measured energy splitting and temperature dependence of these two lines identify 

them as neutral and charged indirect excitons. The lower energy line corresponds to charged IXs, 

i.e., indirect trions (IX
T
), and the higher energy line to neutral IXs (Figure 3.3 right inset). 

The energy of the trion luminescence is determined by the difference between the initial 

state, trion, and final state, remaining electron (for negative trions). At low densities, the IX and 

IX
T
 luminescence energies should experience the same shift with voltage following the gap 

between the VB of WSe2 and the CB of MoSe2 [37], consistent with the experiment (Figure 3.3). 

The splitting between the lines corresponds to the trion binding energy. The experimentally 

found binding energy of the indirect trions of 26–28 meV is in agreement with the calculated 

binding energy of 28 meV for negative indirect trions in MoS2/WS2 heterostructures [37]. 

Similarly, spatially direct neutral and charged excitons, DX and DX
T
, are observed for 

spatially direct, i.e., intralayer, luminescence (Figure 3.4c). However, in contrast to IX and IX
T
, 

the peak energy of DX and DX
T
 practically does not change with voltage due to vanishing built-

in dipole moment in the direction of applied electric field for direct excitons and trions (Figure 

3.3 left inset). 
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The measured indirect trion binding energy of 26–28 meV is smaller than the direct trion 

binding energy of 32 meV (Figure 3.4) due to the separation between the electron and hole 

layers, consistent with the theory of indirect trions in GaAs and TMD 

heterostructures [37,115,116]. DX and DX
T
 luminescence was studied earlier in monolayer 

MoSe2  [106,107,117–120]. 

Further significant support for the asignment of the two lines of spatially indirect 

luminescence to neutral and charged indirect excitons comes from the temperature dependence: 

The luminescence intensity ratio of the lines IX
T
/IX decreases with increasing temperature 

(Figure 3.4a,b, Figure 3.5a red symbols, and Figure3.5b symbols) in agreement with the mass 

action law for the indirect trions (Figure 3.5a red line and Figure 3.5b lines). The relative 

intensity of the IX
T
 luminescence decreases with temperature due to the thermal dissociation of 

Figure 3.3: Gate voltage dependence of the bright spot. Indirect luminescence spectra in MoSe2/WSe2 

CQW at different gate voltages 𝑽𝐠 at the bright spot in sample M. Left inset: Luminescence peak energy 

vs. 𝑽𝐠. IX and IX
T
 are indirect exciton and trion, DX and DX

T
 are direct exciton and trion. Right inset: 

Schematic of IX and IX
T
. 𝑷𝐞𝐱 = 1.25 mW, T = 1.7 K. 
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trions. The IX
T
 temperature dependence is similar to that for DX

T
 both in earlier studies of DX

T
 

in MoSe2 monolayers [118] and in this work (Figures 3.4 and 3.5). 

Solid lines in Figure 3.5 present the simulated ratios of trion and exciton integrated 

luminescence intensities for the direct, DX
T
/DX, and the indirect, IX

T
/IX, cases. We simulated 

these ratios using their approximate proportionality to the densities of corresponding particles. 

The dependence of the densities on temperature is obtained from the mass action model [118]. In 

these simulations, the trion binding energy is taken from the measured line splitting. The 

simulations include two fitting parameters: the densities of background charge carriers    and 

photoexcited electron-hole pairs   , their estimation is described in section 3.6. The simulations 

give qualitatively similar results for various    and   . At high temperatures, the ratio of trion 

and exciton densities       increases with reducing temperature, however, at low temperatures, 

      saturates (Figures 3.5 and 3.11). This saturation is the key characteristic of trion 

luminescence. The origin of this saturation is in the finite number of background electrons that 

are involved in the trions. For the trions formed by binding of the background electrons with 

photoexcited excitons, at low temperatures, the trion density saturates at    and, in turn, the ratio 

      asymptotically approaches           . The simulations are in agreement with the 

experimental data both for direct and indirect trions in the entire temperature range (Figure 3.5). 
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As in the type-I MoS2/hBN TMD heterostructure [49], IXs are observed at room 

temperature in our type-II heterostructures (Figure 3.4). The observed red shift of the lines with 

increasing temperature (Figure 3.4) originates from the band gap reduction, which is typical for 

semiconductors, the TMDs included [118]. 

The narrowest indirect luminescence linewidth is observed at the lowest temperature 

(Figure 3.4) and smallest excitation power     (Figure 3.8). The indirect luminescence broadens 

up to ~ 40 meV at room temperature (Figure 3.4). With increasing    , the indirect luminescence 

broadens and shifts to higher energies (Figures 3.2, 3.8). Similar line broadening and shift to 

higher energies were observed for IXs in GaAs heterostructures and described in terms of 

repulsive IX interaction [17], which originates from the repulsion of oriented electric 

dipoles [121–123].  Increasing the density with     leads to the enhancement of interaction in the 

system of indirect excitons and trions and, in turn, the enhancement of IX
T
 and IX energies. 

Figure 3.4: Exciton and trion temperature spectra. Spectra of spatially indirect (a,b) and direct (c) 

luminescence in MoSe2/WSe2 CQW at different temperatures at CQW flake in sample S (a) and bright 

spot in sample M (b,c). 𝑷𝐞𝐱 = 3.4 (a) and 1.25 (b,c) mW, 𝑽𝐠 = 0. 
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Isolated IX
T
 have substantial binding energy at low separation between electron and hole 

layers [37,115,116], relevant for the MoSe2/WSe2 heterostructure. However, the IX
T
 binding 

energy is smaller than the IX binding energy that stabilizes the neutral system of IXs against IX 

transformations to trions and charged particles. This suggests that most of IX
T
 form by binding 

of electrons and holes created by excitation to background charge carriers which are present in 

the heterostructure due to unintentional doping and CQW layer charging induced by voltage. 

Increasing     leads to the enhancement of relative intensity of IX line, i.e. reduction of IX
T
/IX 

ratio, at low temperatures (Figures 3.2b, 3.5b), consistent with the trion density saturation at    

and, as a result, enhanced fraction of IXs with increased   . 

We also briefly discuss alternative intepretations for the two lines of spatially indirect 

luminescence. A splitting of IX or DX emission to two luminescence lines is a general 

phenomenon in two coupled TMD layers. Various interpretations based on the assignment of the 

lines to different states of neutral excitons were offered to explain this splitting: The 

interpretations in terms of (i) excitonic states split due to the CB K-valley spin splitting [47], (ii) 

excitonic states indirect in momentum space and split due to the valley energy difference [76,83] 

Figure 3.5: Trion/exciton intensity ratio. Experimental (symbols) and simulated (lines) spectrally 

integrated luminescence intensity ratio IX
T
/IX (green, blue, red) and DX

T
/DX vs. 1/temperature at the 

CQW bright spot in sample M (a) and the CQW flake in sample S (b). 𝑷𝐞𝐱 = 1.25 mW (a), 1 mW [blue 

squares in (b)], and 3.4 mW [green diamonds in (b)], 𝑽𝐠 = 0. 
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or spin-orbit coupling [84], and (iii) excitonic states in moiré superlattice [86–89,91,92] 

following the theory of moiré IXs and DXs [44,45,93]. 

However, interpretations based on different states of neutral excitons, including 

interpretations (i)-(iii) outlined above, do not offer a good agreement with the experimental data 

in Figure 3.5 and, in turn, a plausible explanation for the IX lines in the studied heterostructures. 

As detailed in section 3.6, for different states of neutral excitons, the relative occupation of the 

lower-energy state and, as a result, the relative intensity of the lower-energy line should increase 

by orders of magnitude with lowering the temperature in the range   ⁄             ⁄  

(Figure 3.12). However, the experimental data (Figures 3.5, 3.10, and 3.12) show the nearly 

constant relative intensity of the lower-energy line in this temperature range. In contrast, the 

theory of neutral excitons and trions is in agreement with the data (Figures 3.5, 3.10, and 3.12). 

The large discrepancy, by orders of magnitude, between the interpretations of the two indirect 

luminescence lines based on two different states of neutral IXs and the experimental data, 

indicates that these interpretations are less plausible than the interpretation based on neutral 

exciton IX and trion IX
T
 that is in agreement with the data (Figures 3.5, 3.10, and 3.12). 

3.3 Luminescence Maps 
 

The spatially indirect (interlayer) luminescence intensity is enhanced at the bright spots 

(sample S: Figure 3.2a and Figure 3.6a; sample M: Figure 3.7a). Both in sample S and sample M, 

the bright spots are observed close to the flake boundary (Figures 3.6a and 3.7a). In contrast, the 

spatially direct (intralayer) luminescence intensity varies only slightly in the CQW 

heterostructures and does not show an intensity enhancement in the bright spots (sample S: 

Figure 3.6b,c; sample M: Figure 3.7b). 
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The bright spots show up to an order of magnitude enhancement of IX luminescence 

intensity in comparison to the surrounding region of the CQW heterostructure (Figure 3.7a). The 

IX luminescence in the bright spot is localized within ~ 2 µm in sample S and within the length 

smaller than the 1 µm resolution of the optical system used in the experiment in sample M. 

3.4 Power and Voltage Dependence 
 

The narrowest indirect luminescence linewidth is observed at the smallest excitation 

power     in the experiment. With increasing    , the indirect luminescence broadens (Figure 

3.8a,d) and shifts to higher energies (Figure 3.8a,b). 

Figure 3.6: Sample S luminescence maps. 𝒙-𝒚 luminescence image of (a) the spatially indirect 

(interlayer) luminescence (measured in the spectral range 1.24–1.46 eV) and (b,c) the spatially direct 

(intralayer) luminescence in (b) MoSe2 (measured in the spectral range 1.60–1.62eV eV) and (c) WSe2 

(measured in the spectral range 1.66–1.69eV eV) in sample S. The layer boundaries are shown. Laser 

excitation is defocused. 𝑽𝐠 = 0, T = 1.7 K 

Figure 3.7: Sample M luminescence maps. 𝒙-𝒚 luminescence image of (a) the spatially indirect 

(interlayer) luminescence (measured in the spectral range 1.24–1.4 eV) and (b) the spatially direct 

(intralayer) luminescence (dominating in the spectral range 1.24–1.91 eV) in sample M. The layer 

boundaries are shown. Laser excitation is defocused. 𝑽𝐠 = 0, T = 1.7 K. 
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 The IX energy at the CQW flake is controlled by voltage    (Figures 3.3, 3.9a,b). For 

sample S, the bias across the CQW is applied by a narrow graphene stripe on the top of the 

heterostructure (Figure 3.2a) and the voltage dependence presented in Figure 3.9a is measured at 

the graphene stripe location. For sample M, the graphene layer covers the entire CQW flake and 

the voltage dependence in Figure 3.9b is measured at the flake center. With increasing   , the IX 

energy increases in sample M (Figure 3.3 and 3.9b) and reduces in sample S (Figure 3.9a), in 

agreement with the different order of MoSe2 and WSe2 layers in samples M and S. The neutral 

and charged indirect exciton peaks, IX and IX
T
, are not resolved at the CQW flake in sample M 

due to larger luminescence linewidth in this region of the sample. The energy shifts with voltage 

in the CQW flake (Figure 3.9b) and bright spot (Figure 3.3) are roughly the same, indicating that 

in both these regions the indirect luminescence lines correspond to IXs with the same   . 

 

 

Figure 3.8: Bright spot power dependence. (a) Indirect luminescence spectra at different excitation 

powers 𝑷𝐞𝐱. (b-d) The peak energy (b), intensity (c), and linewidth (d) of the luminescence line in (a) vs. 

𝑷𝐞𝐱. These parameters are extracted from Lorentzian fits to the luminescence lines, an example is shown 

for the 10 µW spectrum by a red dashed line in (a). The curves are guides to the eye. 𝑽𝐠 = 0, T = 1.7 K. 
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3.5 Temperature Dependence of Sample S 
 

Temperature dependences of luminescence at the CQW flake (Figures 3.4a and 3.5b 

repeated in Figures 3.10b and 3.10e) and at the bright spot (Figure 3.10d,f) in sample S are 

similar. Similar temperature dependences are also observed for low (Figure 3.10a,c) and high 

(Figure 3.10b,d) excitation powers. With reducing temperature, the luminescence intensity ratio 

of the lines IX
T
/IX increases at high temperatures and saturates at low temperatures (Fig3.10a-d 

and symbols at Figure 3.10e,f) in agreement with the mass action law for the indirect trions (blue 

and green lines in Figure 3.10e,f). 

3.6 Simulations 
 

The simulations set off with determining the densities of excitons and trions from the 

mass action model following [118]. The mass of an exciton is          and that of a trion 

Figure 3.9: CQW flake gate voltage dependence. (a) Indirect luminescence spectra at the CQW flake in 

sample S (a) and M (b) at different gate voltages 𝑽𝐠. The neutral and charged indirect exciton peaks, IX 

and IX
T
, are not resolved in (b) due to larger luminescence linewidth in this region of the sample. The 

inset in (b) shows the peak energy of direct and indirect luminescence lines vs. 𝑽𝐠. 𝑷𝐞𝐱 = 3.4 (a) and 1.25 

(b) mW. T = 1.7 K. 
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is          . The densities of excitons   , trions   , and free electrons    are determined 

from conditions 

         

         

              ( 
  

   
)⁄  

where    is the Boltzmann constant,   is the ambient temperature,    is the density of 

background charge carriers,    is the density of photoexcited electron-hole pairs,    is the trion 

binding energy, and              
    . The trion binding energy is taken from the 

measured line splitting:    = 28 meV for indirect trion in sample S and 26 meV for indirect trion 

in sample M and    = 32 meV for direct trion in MoSe2 (Figure 3.4). This model gives the ratio 

of exciton and trion densities presented in Figure 3.5 and 3.10 by black (for direct exciton and 

Figure 3.10: Extended temperature dependence. (a-d) Indirect luminescence spectra at the CQW flake 

(a,b) and at the CQW bright spot (c,d) at different temperatures. Excitation power 𝑷𝐞𝐱 = 1 mW (a,c) and 

3.4 mW (b,d). (e,f) Experimental (symbols) and simulated (lines) spectrally integrated luminescence 

intensity ratio IX
T
/IX vs. 1/temperature at the CQW flake (e) and at the CQW bright spot (f). 𝑷𝐞𝐱 = 1 mW 

(blue squares) and 3.4 mW (green diamonds), 𝑽𝐠. 



31 

 

trion) and red, green, and blue (for indirect exciton and trion) lines. 

The simulations give qualitatively similar results for various    and   : At high 

temperatures, the ratio     ⁄  increases with reducing temperature, however, at low 

temperatures,     ⁄  saturates (Figure 3.11). This saturation is the key characteristic of trion 

luminescence. 

An estimate for    and    can be obtained by treating them as fitting parameters (Figure 

3.11). The procedure of estimating    and    is simplified by separate fitting of the ratio     ⁄  

and then    (or   ) to the low- and high-temperature data, respectively, as described below. In 

the limit of vanishing temperatures, equations (1)–(3) give the expected result: the trion density 

Figure 3.11: Trion/exciton simulations. The measured (symbols) and simulated (lines) spectrally 

integrated luminescence intensity ratio IX
T
/IX (red) and DX

T
/DX (black) vs. 1/temperature (a) for fixed 

𝒏𝐁  𝟏 𝟗 × 𝟏𝟎𝟏𝟏 𝐜𝐦−𝟐 fitted to the high-temperature data and different 𝒏𝐏 𝒏𝐁⁄ , (b) for fixed 𝒏𝐏 𝒏𝐁⁄  
𝟏 𝟎𝟓 fitted to the low-temperature data and different 𝒏𝐁 (solid lines for 𝒏𝐁  𝟏 𝟗 × 𝟏𝟎𝟏𝟏 𝐜𝐦−𝟐, dotted 

and dashed-dotted lines for 1000 times higher and lower 𝒏𝐁, respectively), (c) for fixed 𝒏𝐁  𝟏 𝟗 ×
𝟏𝟎𝟏𝟏 𝐜𝐦−𝟐 and different 𝒏𝐏, (d) for fixed 𝒏𝐏  𝟐 × 𝟏𝟎𝟏𝟏 𝐜𝐦−𝟐 and different 𝒏𝐁. The densities indicated 

in the figure are in 𝟏𝟎𝟏𝟎 𝐜𝐦−𝟐. 
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saturates at    and, in turn, the ratio     ⁄  asymptotically approaches  

                  ⁄  ⁄⁄ . Therefore fitting the low-temperature data gives an estimate 

for     ⁄  (Figure 3.11a). Then    and, in turn,    can be estimated by fitting the high-

temperature data (Figure 3.11b). The obtained fitting parameters for sample M are       ×

       −  and     ×        − . Figures 3.11c and 3.11d show the variation of     ⁄  with 

   and   , respectively. 

Figure 3.12 reproduces the measured (symbols) and simulated (solid lines) spectrally 

integrated line luminescence intensity ratio IX
T
/IX (red) and DX

T
/DX (black) vs. 1/temperature 

(same data as in Figure 3.5a). The simulation of the indirect trion IX
T
 to indirect neutral exciton 

IX line intensity ratio (solid red line) is in agreement with the experiment (red symbols) as 

outlined above. 

We also consider alternative interpretations for the two indirect luminescence lines. In 

Figure 3.12, the measured temperature dependence of the line intensity ratio (Figure 3.12 

symbols) is also compared with the ratio expected for different states of neutral IXs. As for the 

Figure 3.12: Comparison with two states of neutral IXs. The measured (symbols) and simulated (solid 

lines) spectrally integrated luminescence intensity ratio IX
T
/IX (red) and DX

T
/DX (black) vs. 1/ 

temperature (same data as in Figure 3.5a). The simulation of the indirect trion IX
T
 to indirect neutral 

exciton IX line intensity ratio (solid red line) is in agreement with the experiment (red symbols). 

Exponential ratio 𝒆𝒙𝒑 𝚫𝑬 𝒌𝐁⁄ 𝑻  for two states of neutral IXs separated by 𝚫𝑬 = 26 meV (red dashed 

line) does not offer a good agreement with the experiment. 
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model of a trion and a neutral exciton outlined above, we consider the states at thermal 

equilibrium and obeying the Maxwell-Boltzmann distribution. Thermal equilibrium is facilitated 

by the long IX lifetimes. 

The exciton luminescence intensity is given by       so the luminescence intensity ratio 

for two states of neutral IXs is given by       ⁄        ⁄        ⁄   , where   is the ratio of 

radiative lifetimes     and     of the two excitonic transitions. For the splitting between two 

states of neutral IXs    = 26 meV corresponding to the measured splitting between the lines, 

their luminescence intensity ratio is proportional to their occupation ratio          ⁄   shown 

in Figure 3.12 by red dashed line. Treating   as an adjustable parameter for achieving as good as 

possible agreement with the experiment allows shifting the red dashed line vertically keeping its 

slope unchanged in Figure 3.12. For the red dashed line in Figure 3.12,   ~ 150 (with the higher 

energy exciton state having 150 times shorter radiative lifetime than the lower energy exciton 

state) to fit the experimental point at   = 60 K, this provides a better fit to the experiment, 

however, assuming other   does not change the discussion below. [For a model based on two 

states of neutral IXs, an explanation of the higher intensity of the higher energy exciton line 

observed at   > 60 K (Figures 3.4 and 3.10) requires a significantly higher oscillator strength for 

the higher energy exciton state.] Figure 3.12 shows that          ⁄   (red dashed line) does not 

agree with the experimental data. Since varying the ratio   of radiative lifetimes of the two 

excitonic transitions only moves the dashed line vertically in Figure 3.12, no agreement is 

achieved for any  . For instance, in the range   = 20 – 160 K the measured intensity ratio drops 

by ~ 50 times while the intensity ratio for two states of neutral IXs          ⁄   drops by 

5×10
5
 times (Figure 3.12). This large discrepancy, by orders of magnitude, indicates that 

interpretations of the two indirect luminescence lines based on two different states of neutral IXs 
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are less plausible than the interpretation based on neutral exciton IX and trion IX
T
, which is in 

agreement with the data. 

The recombination kinetics of both excitons and trions can change with 

temperature [124–126] and these changes can affect the ratio of the exciton and trion 

luminescence intensities. However, these changes appear to be small enough to cause no 

qualitative change of the temperature dependence for the trion/exciton luminescence intensity 

ratio as evidenced by the data for direct excitons and trions which follow the mass action 

law [118]. Similarly, the data for both direct excitons and trions (Figure 3.5) and indirect 

excitons and trions (Figures 3.5, 3.10) follow the mass action law in our work. 

The relative occupation of two exciton states (including neutral and charged excitons) is 

determined, in particular, by the decay rate and energy relaxation rate. For the case of long 

lifetimes, when the decay is long compared to the energy relaxation, the relative occupation 

approaches the thermal equilibrium. Even for direct excitons and trions characterized by short 

lifetimes the trion/exciton luminescence intensity ratio follows the thermal equilibrium mass 

action law (Ref. [118] and data in Figure 3.5 for direct excitons and trions in our work). For 

indirect excitons and trions, the decay is orders of magnitude slower than for direct, so they can 

approach the thermal equilibrium significantly better than direct. Since direct excitons and trions 

and indirect excitons and trions have different degree of thermal equilibrium yet similarly follow 

the mass action law with the saturation of trion/exciton luminescence intensity ratio at low 

temperatures, the saturation is not caused by the lack of thermal equilibrium. Otherwise, the 

deviation from the thermal equilibrium mass action law would be substantially different for 

DX
T
/DX and IX

T
/IX luminescence intensity ratio that is not the case (Figures 3.5, 3.10). 
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3.7 Conclusion and Outlook 
 

In conclusion, we present studies of MoSe2/WSe2 heterostructures and report on two lines 

of spatially indirect luminescence whose energy splitting and temperature dependence identify 

them as neutral indirect excitons and charged indirect excitons, i.e. indirect trions. The 

identification of the two lines as neutral and charged IXs has implications on the observation of 

IX condensation in TMD heterostructures. Since a charged IX has more fermionic character (due 

to the addition of an extra electron), it may not be possible to observe Bose-Einstein 

condensation in a system of indirect trions. Precise control of the charge density in the system by 

addition of an electrode attached to the TMD monolayers may enable realization of a purely 

neutral IX state that facilitates the observation of IX condensation. However, this does not 

preclude the possibility of condensation within the neutral IX state, if the photoexcited carrier 

density is sufficiently high that all background charge carriers are already bound into trions. 
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Chapter 4 

Voltage-Controlled IX Propagation 

4.1 Introduction 
 

Spatially indirect excitons (IXs) are formed by electrons and holes confined in separated 

layers. The separation between the electron and hole layers allows for controlling the overlap of 

electron and hole wave functions and achieving long IX lifetimes, orders of magnitude longer 

than lifetimes of spatially direct excitons (DXs) [9]. The long IX lifetimes allow them to travel 

over long distances before recombination [13,19,20,24,68,69,127–130].  

IXs have built-in dipole moments     (   is the separation between the electron and hole 

layers) and their energy can be controlled by voltage: Gate voltage    controls the electric field 

normal to the layers       and changes the IX energy by      . This allows for creating 

tailored in-plane potential landscapes for IXs                     and controlling them in 

situ by voltage        . The possibility to control IX energy by voltage and the ability of IXs to 

propagate over long distances led to the realization of a variety of tailored voltage-controlled in-

plane potential landscapes, which are explored in studies of IX transport. These landscapes 

include excitonic ramps [20,68], excitonic lattices [18,131,132], excitonic narrow 

channels [133,134], excitonic conveyers [22], and excitonic split gate devices [135]. 

IX devices are also explored for developing signal processing based on the exciton 

dipole, that is a novel computational state variable, different from established computational state 

variables such as electron charge in electronic devices. Potential advantages of excitonic devices 
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include energy-efficient signal processing and seamless coupling to optical communication [19]. 

Experimental proof-of-principle was demonstrated for excitonic transistors [25,70]. 

The realization of excitonic devices, whose operation is based on controlled propagation 

of excitons, relies on meeting the requirements of (i) long-range IX propagation over lengths 

exceeding the in-plane dimensions of excitonic devices and (ii) in situ control of IX propagation, 

in particular, by voltage. These requirements were met with IXs in GaAs heterostructures and the 

studies outlined above used the GaAs platform. 

However, excitons exist at temperatures roughly below           (    the exciton 

binding energy,    the Boltzmann constant) [26] and, due to their low binding energies, IXs in 

GaAs heterostructures exist at low temperatures.        is typically 4 meV in GaAs/AlGaAs 

heterostructures [27] and achieves 10 meV in GaAs/AlAs heterostructures [28]. The proof of 

principle for the operation of IX switching devices based on voltage-controlled IX propagation 

was demonstrated up to ~ 100 K in GaAs heterostructures [70]. IX devices based on controlled 

IX propagation are also explored in GaN/AlGaN heterostructures with high        reaching ~ 30 

meV [73]. 

Van der Waals heterostructures composed of atomically thin layers of TMD [31] allow 

the realization of excitons with high binding energies [74,75]. IXs in TMD heterostructures are 

characterized by binding energies reaching hundreds of meV [37,38] making them stable at room 

temperature [49]. Due to the high IX binding energy, TMD heterostructures can form a material 

platform for creating excitonic devices operating at high temperatures suitable for applications. 

However, in contrast to GaAs heterostructures, a characteristic feature of TMD 

heterostructures is the presence of significant moiré superlattice potentials, which are predicted 

to cause modulations of IX energy reaching tens of meV in mechanically stacked TMD 
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heterostructures with adjacent electron and hole layers and a small angle    between the layers, 

such as the studied MoSe2/WSe2 heterostructure. Strong variations of the interlayer band gap 

within the moiré supercell,  , causing the modulations of IX energy were predicted for these 

TMD heterostructures with both R (AA,    twist) and H (AB,     twist) stacking   100 (90) and 

25 (17) meV for MoSe2/WSe2 heterobilayers with R and H stacking, respectively, in Ref. [45] (in 

Ref. [44]). Large   were also predicted for other TMD heterostructures of this type [44,45]. A 

spatial modulation of the local bandgap with an amplitude of 150 meV was reported in scanning 

tunneling microscopy measurements and calculations of a rotationally aligned MoS2/WSe2 

hetero-bilayer [42]. The moiré superlattice period       √        is typically in the ca. 10 

nm range (  is the lattice constant,    is the lattice mismatch,    is the twist angle deviation 

from     ,   is an integer) [136,137].  

This prediction inspired extensive experimental studies. For instance, the moiré 

superlattices were considered as the origin of splitting of IX luminescence to two or more 

lines [86–92]. In these works, the strong modulations of IX energy in the moiré potentials were, 

in particular, evidenced by wide spreads of luminescence line energies of excitons localized in 

the moiré potential minima. Four (five) luminescence lines spread over ~ 70 (100) meV in 

MoSe2/WSe2 with    (2 ) twist were discussed in terms of exciton states localized in a moiré 

potential of ~ 150 meV [88]. Multiple narrow luminescence lines were spread over ~ 30 meV in 

MoSe2/WSe2 with 2  twist and ~ 20 (30) meV in MoSe2/WSe2 with     (   ) twist [89]. WSe2 

absorption resonances spread over ~ 100 meV in both R- and H-stacked WSe2/WS2 were 

discussed in terms of a peak-to-peak exciton moiré potential of 250 meV [92]. 

We note however that there are other interpretations of the splitting of IX luminescence 

line, including excitonic states split due to the conduction band K-valley spin splitting [47], 
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excitonic states indirect in momentum space and split due to the valley energy difference [76,83] 

or spin-orbit coupling [84], and neutral and charged IX states [138]. We considered the origin of 

splitting of IX luminescence to two lines in Ref. [138]. 

The predicted strong moiré superlattice potentials in TMD heterostructures should have a 

significant effect on exciton propagation. The strong in-plane energy landscapes can lead to IX 

localization, making IX propagation fundamentally different in TMD and GaAs heterostructures 

and making uncertain if long-range IX propagation can be realized in principle in TMD 

heterostructures with moiré superlattice potentials.  

Propagation of both DXs in TMD monolayers [139–144] and IXs in TMD 

heterostructures [50–55] is intensively studied. A relatively short-range IX propagation with     

luminescence decay distances reaching ~ 3 µm [50,51,53–55], control of IX propagation by 

voltage within these distances [53,54], and control of DX luminescence by voltage up to 5 µm 

away from the generation spot [52] were reported in TMD heterostructures.  

The extent to which the moiré superlattice potentials affect the IX diffusivity is not fully 

established. The comparison of MoSe2/WSe2 heterostructures with MoSe2/hBN/WSe2 

heterostructures, where the moiré superlattice potential is suppressed by an hBN spacer between 

the MoSe2 and WSe2 layers, evidences the reduction of IX propagation due to moiré superlattice 

potentials: the IX propagation with the     decay distance up to 2.6 µm was observed in 

MoSe2/hBN/WSe2 and shorter IX propagation with the     decay distance beyond the laser spot 

below 1 µm was observed in MoSe2/WSe2 [53]. 

We realize in a MoSe2/WSe2 TMD heterostructure IX propagation with the     IX 

luminescence decay distance      ~ 13 µm. This long propagation distance exceeds      ~ 3 µm 

realized in the earlier studies of TMD heterostructures [50,51,53–55] and is sufficiently long to 
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allow for creating elaborate excitonic devices and circuits within the IX propagation length that 

is required for performing operations with IX fluxes [25,70]. In the presented TMD materials, 

the long-range IX propagation occurs up to ~ 50 K. This is a step toward the room temperature 

operation, which can be realized in TMD heterostructures due to the high IX binding energy. We 

also realize control of the long-range IX propagation by voltage. The control of the IX 

propagation in the MoSe2/WSe2 heterostructure is governed by new mechanisms, beyond the 

known mechanism for controlling IX transport by an energy barrier to IX propagation (or a trap 

for IXs) created by the gate electrode that was reported in the studies of GaAs [25,70] and 

TMD [53,54] heterostructures. We discuss the origin of the voltage-controlled long-range IX 

propagation in the MoSe2/WSe2 heterostructure, in particular, the electric-field control of the 

moiré potential. The control of moiré superlattice potentials by voltage can be used in various 

applications ranging from excitonic devices outlined in this work to quantum simulators and 

quantum emitter arrays based on moiré superlattices [45,145,146].  

4.2 Experiment 
 

The MoSe2/WSe2 heterostructure is assembled by stacking mechanically exfoliated 2D 

crystals on a graphite substrate. The MoSe2 and WSe2 monolayers are encapsulated by hexagonal 

boron nitride (hBN) serving as dielectric cladding layers. The energy-band diagram is 

schematically shown in Figure 4.1a. IXs are formed from electrons and holes confined in 

adjacent MoSe2 and WSe2 monolayers, respectively. The lowest energy DX state is optically 
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active in MoSe2 and dark in WSe2, and the lowest energy IX state is optically active [44,94,103–

107]. The bias across the heterostructure is created by the gate voltage    applied between the 

narrow semitransparent multilayer graphene top gate (Figure 4.1b) and the global graphite back 

gate.  

The graphene gate is centered at   = 4 µm (Figure 4.1d–f). The heterostructure region to 

Figure 4.1: Voltage-controlled IX propagation. (a) Band diagram of van der Waals MoSe2/WSe2 

heterostructure. The ovals indicate a direct exciton (DX) and an indirect exciton (IX) composed of an 

electron ( ) and a hole ( ). (b) Microscope image showing the layer pattern of the device, scale bar is 10 

µm. The green, red, and yellow lines indicate the boundaries of the WSe2 and MoSe2 monolayers and 

graphene gate, respectively. (d,e) 𝒙-𝒚 images of IX luminescence in the on (d) and off (e) state of the 

excitonic transistor. The white and yellow dashed lines show the boundary of the MoSe2/WSe2 

heterostructure and graphene gate, respectively. The gate voltage 𝑽𝐠 controls the IX propagation from the 

laser excitation spot at 𝒙 = 0 (the source) to the other side of the graphene gate 𝒙 > 6 µm (the drain). 𝑽𝐠 = 

10 V (d), 0 (e). (f) Normalized IX luminescence profiles along 𝒚 = 0 for the images in (d) and (e) shown 

by the red and black lines, respectively. Inset shows the same IX luminescence profile in the on state on 

log scale. For comparison, dashed line shows exponential signal reduction with 𝟏 𝒆 decay distance 13 

µm. A lower IX luminescence intensity is seen in the region covered by the graphene gate, which is 

centered at 𝒙 = 4 µm. (c) Total IX luminescence intensity in the drain (integrated over 𝒙 = 6–13 µm) vs. 

𝑽𝐠. For all data, 𝑷𝐞𝐱 = 4 mW, T = 1.7 K. 
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the left of the gate (  = -7 to 4 µm) is referred to as the source and the heterostructure region to 

the right of the gate (  = 6 to 13 µm) is referred to as the drain. IXs are optically generated by 

laser excitation focused in the source region.  

When the device is in the off state, IX propagation from the source to the drain is 

suppressed and the IX luminescence profile follows the laser excitation profile (Figure 4.1e). 

When the device is switched on, IXs spread out away from the laser excitation spot and 

propagate to the drain region (Figure 4.1d).  

Figure 4.1f shows IX luminescence profiles along   = 0 for the images in Figure 4.1d,e. 

Inset shows the same IX luminescence profile for the on state on log scale. For comparison, 

dashed line shows exponential signal reduction with the     decay distance 13 µm. A lower IX 

luminescence intensity is seen in the region covered by the graphene gate. The total IX 

luminescence intensity in the drain region (integrated over   = 6–13 µm) increases by 40 times 

as the gate voltage switches from off to on (Figure 4.1c). Figures 4.1c-f present voltage-

controlled long-range propagation of IXs in MoSe2/WSe2 heterostructure.  

Next, we verify if the propagating luminescence signal corresponds to the IX 

Figure 4.2: IX energy control over entire heterostructure. (a) IX luminescence spectra at 𝒙 = 13 µm 

for gate voltages 𝑽𝐠 = 9 and 13 V. (b) IX energy vs 𝑽𝐠 for positions in the drain region 𝒙 = 7, 10, and 13 

µm. (c) IX spectra in on (red) and off (black) state of the excitonic transistor for positions in the drain 

region 𝒙 = 7, 10, and 13 µm. 𝑽𝐠 = 10 V (on), 8.5 V (off). For all data, 𝑷𝐞𝐱 = 4 mW, T = 1.7 K. 
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luminescence. Figure 4.2a,b show that at voltages, which allow for IX propagation across the 

sample, the exciton luminescence energy is controlled by voltage in the entire drain region. This 

exhibits the basic IX property — IX energy control by voltage, outlined in the introduction. 

Figure 4.2c presents tracing the IX luminescence along the IX propagation path all the way up to 

the heterostructure edge ca. 13 µm away from the region of IX optical generation. Figure 4.2c 

also shows that IX luminescence spectra at the drain demonstrate effective switching behavior 

between the off (black spectra) and on (red spectra) state. Tracing the IX luminescence along the 

IX propagation path with     IX luminescence decay distance 13 µm and controlling IX 

propagation by voltage present the direct measurement of long-range IX propagation and 

excitonic transistor action in TMD heterostructures.  

The IX luminescence spectra are traced over the drain region at different excitation 

powers     (Figure 4.3a,b). The total IX luminescence intensity in the drain increases with     

(Figure 4.3c). Figures 4.3a–c show that the IX propagation enhances with excitation power. 

Maximum IX propagation with      ~ 13 µm is realized at     ~ 1 mW. Comparable     were 

Figure 4.3: Excitation power dependence of voltage-controlled IX propagation. (a,b) 𝒙-energy 

images of IX luminescence in the drain region for 𝑷𝐞𝐱= 2 mW (a) and 0.05 mW (b). (c) Total IX 

luminescence intensity in the drain (integrated over 𝒙 = 6–13 µm) vs. 𝑷𝐞𝐱. (d) IX energy vs position for 

𝑷𝐞𝐱 = 0.05 (black), 0.5 (blue), and 2 (red) mW. For all data, 𝑽𝐠 = 10 V, T = 1.7 K. 
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explored in the studies of TMD heterostructures where      ~ 3 µm was realized [51,53]. 

Figure 4.3d shows the optically measured IX energy along the IX propagation path. The 

overall IX energy reduction is observed (i) with increasing separation from the IX optical 

generation spot and (ii) with reducing    . Both indicate a reduction of IX energy with the 

reduced IX density. This is consistent with the repulsive interaction between IXs, which are 

dipoles oriented normal to the layers. Similar reduction of IX energy with increasing separation 

from the optical generation spot or with reducing     is also characteristic of IXs in GaAs 

heterostructures and is explained in terms of the repulsive interaction between IX dipoles [24]. 

The local IX energy variations in the range of a few meV (Figure 4.3d) are likely caused by the 

lateral potential landscape across the heterostructure. The IX energy variations due to the moiré 

superlattice have the period in the ca. 10 nm range [136,137], these short-range energy variations 

are not resolved in the optical experiment with resolution 1.5 µm.  

Figure 4.4: Temperature dependence of voltage-controlled propagation. (a) IX luminescence spectra 

in the drain at 𝒙 = 13 µm at temperatures 𝑻 = 1.7, 20, 40, and 50 K in on (red) and off (black) state of the 

excitonic transistor. 𝑽𝐠 = 15 V (on) and 0 (off). (b) Total IX luminescence intensity in the drain 

(integrated over 𝒙 = 6–13 µm) vs. temperature in on (𝑽𝐠 = 15 V) and off (𝑽𝐠 = 0 V) state. (c) Total IX 

luminescence intensity in the drain (integrated over 𝒙 = 6–13 µm) vs. 𝑽𝐠 for temperatures 𝑻 = 1.7, 20, 40, 

and 50 K. For all data, 𝑷𝐞𝐱 = 4 mW. 
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Figure 4.4 presents the temperature dependence of IX propagation. The long-range IX 

propagation through the drain region and the switching between on and off state are observed up 

to approximately 50 K.  

4.3 Discussion 
 

The phenomenological properties of voltage-controlled long-range IX propagation in 

MoSe2/WSe2, outlined above, are qualitatively different from those in GaAs 

heterostructures [25,70]. GaAs/AlAs heterostructures, where IXs are formed from electrons and 

holes confined in adjacent AlAs and GaAs layers, respectively, have a staggered band 

alignment [28,70] similar to MoSe2/WSe2 heterostructures (Figure 4.1a). This makes GaAs/AlAs 

heterostructures a more close system for the comparison with MoSe2/WSe2 heterostructures. For 

the excitation spot positioned in the source region, similar to the experimental geometry in 

Figure 4.1, in the GaAs/AlAs heterostructures IX propagation is long-range at    while both a 

positive and negative voltage on a gate creating a barrier and a trap for IXs, respectively, 

suppress the IX propagation [70]. This behavior is opposite to the voltage-controlled IX 

propagation in MoSe2/WSe2 where applied voltage strongly enhances the IX propagation (Figure 

4.1).  

The opposite behavior is also observed for the excitation spot positioned on the gate 

electrode. For the GaAs/AlAs heterostructures, trapping (anti-trapping) IX potentials created by 

gate voltage cause the IX cloud confinement in (spreading away from) the gate region [70]. For 

the MoSe2/WSe2 heterostructure, the IX energy reduces with increasing    that facilitates 

trapping IXs in the gate region. However, similar to the case of excitation in the source region 

(Figure 4.1), an enhancement of the IX propagation away from the excitation spot with 
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increasing    is observed in the case of excitation in the gate region (Figure 4.5).  

In GaAs heterostructures, the IX propagation has been controlled by an energy barrier to 

IX propagation (or a trap for IXs) created by the gate electrode [25,70]. The control of IX 

transport realized in TMD heterostructures was referred to the same mechanism [53,54]. The 

qualitative differences outlined above show that the IX long-range propagation in the 

MoSe2/WSe2 heterostructure is controlled by a new mechanism, different from the control by an 

energy barrier or a trap for IXs created by the gate electrode. 

This new mechanism enables the long-range IX propagation away from the excitation 

spot not only through the gate but everywhere in the plane of the heterostructure: Figure 4.1d–f 

Figure 4.5: Position dependence of voltage-controlled propagation. (a-c) The white and yellow 

dashed lines show the boundaries of MoSe2/WSe2 heterostructure and graphene gate, respectively. The 

laser excitation spot [red circle in (a-c)] is positioned at the source (a,d,g), gate (b,e,h), and drain (c,f,i) 

region of the device. The gate voltage 𝑽𝐠 controls the IX propagation from the laser excitation spot. (d-f) 

Normalized IX luminescence profiles along 𝒚 = 0 for 𝑽𝐠= 10 V (red lines) and 0 (black lines). (g-i) Same 

IX luminescence profiles on log scale. For comparison with the IX luminescence profiles at 𝑽𝐠 = 10 V, 

dashed lines show exponential signal reduction with 𝟏 𝒆 decay distance 𝒅𝟏 𝒆 = 14, 11, and 12µm, 

respectively. A lower IX luminescence intensity is seen in the region covered by the graphene gate, which 

is centered at 𝒙 = 4 µm. For all data, 𝑷𝐞𝐱 = 4 mW, T = 1.7 K. 
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shows that increasing     enables the IX propagation away from the excitation spot both through 

the gate (toward positive  ) and in the opposite direction (toward negative  ); Figure 4.5 shows 

that increasing    enables the IX propagation away from the excitation spot for any excitation 

spot position on the heterostructure.  

The predicted strong moiré superlattice potentials [44,45,93,94] in the studied 

MoSe2/WSe2 heterostructure are expected to localize IXs and, therefore, the existence of the 

long-range IX propagation is nontrivial. Identifying the mechanism, which can lead to the 

voltage-controlled long-range IX propagation in the heterostructures with the predicted moiré 

superlattice potentials forms the challenge for theoretical investigations. The relevant 

experimental data and possible origin of the voltage-controlled long-range IX propagation in the 

MoSe2/WSe2 heterostructure are discussed below. 

IXs are the lowest energy exciton state in MoSe2/WSe2 heterostructures even at no 

applied voltage (Figure 4.1a). The absence of long-range IX propagation at    = 0 indicates IX 

localization. As outlined above, the moiré superlattice potentials are predicted to cause 

modulations of exciton energy reaching tens of meV [44,45,93,94] and these strong energy 

modulations can lead to the exciton localization. 

The regime of long-range IX propagation is realized at    > 8 V (Figure 4.1c,d). The 

applied electric field can tune the moiré potential and cause the long-range IX propagation. The 

theory [45] predicts that the moiré potential is tuned by voltage in both R‐ and H‐stacked TMD 

heterostructures. In particular, increasing electric field can reduce the moiré potential amplitude 

and can energetically align the potential energy minima at different sites of the moiré supercell, 

thus causing percolation of IX states through the structure [45]. The tuning of the moiré potential 

can cause the observed long-range IX propagation with applied electric field. The calculated 
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electric field corresponding to the IX percolation is in the range of a few tenths of V/nm [45]. 

This is of the same order of magnitude with the estimated electric field for the onset of IX 

propagation in the studied device:    > 8 V creates electric field ~ 0.1 V/nm. We note however 

that a comparison with the theory can be complicated by factors including a possible built-in 

electric field [49], trion formation [138], moiré-site-dependent exciton binding energy and dipole 

moment [45], and atomic reconstruction, which can change the potential landscape and can 

create a network of propagation channels [46,147–150]. 

Besides the moiré potential, samples have disorder potential due to the heterostructure 

imperfections. The disorder potential also contributes to the IX localization and suppresses the 

IX propagation. The long-range IX propagation requires samples with a small disorder. The 

long-range propagation indicates the small disorder for IX transport scattering in the studied 

device.  

In the regime of long-range IX propagation,    > 8 V, the IX energy in the drain is 

effectively controlled by voltage applied to the graphene electrode (Figure 4.2). This indicates 

that voltage applied to the graphene electrode laterally extends beyond the region of the graphene 

electrode over the entire heterostructure. This extension, in turn, indicates that the heterostructure 

acquires metallic conductivity. The metallization may contribute to screening of in-plane 

potential landscapes, facilitating the long-range IX propagation.  

The metallization may also be related to the tuning of moiré potential by applied electric 

field. No intentional sample doping was done for the studied heterostructure, however, 

unintentional  -type doping is typical for TMD layers [62]. In the studied sample, the estimated 

electron concentration       ×        −  [138]. Delocalization of electrons and/or charged 

IXs due to the tuning of moiré potential by electric field can cause the metallization.  
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The IX propagation is enhanced at higher excitation powers (Figure 4.3a–c). A similar 

behavior is observed for IXs in GaAs heterostructures [24]. IXs are out-of-plane dipoles, which 

interact repulsively. The repulsive interaction between IXs contributes to screening of in-plane 

potential landscapes. Furthermore, due to the repulsive interaction, the IX energy increases with 

density and, as a result, is higher in the region of IX generation (Figure 4.3d). This results in IX 

drift away from the excitation region. Both enhanced screening of in-plane potentials and drift 

enhance the IX propagation with increasing density [24]. 

Increasing    also increases the IX lifetime (Figure 4.6). The increase of IX lifetime 

contributes to the enhancement of IX propagation with voltage. The IX effective diffusion 

coefficient    can be estimated from the IX propagation length   and IX lifetime   as         ⁄ . 

For   ~ 10 µm corresponding to the IX propagation length (Figure 4.1) and   ~ 1 µs 

corresponding to the IX luminescence decay time at long delay times (Figure 4.6) at    = 10 V, 

the estimate gives    ~ 1 cm
2
/s. 

The IX luminescence decay time increase with    is in accord with the reduction of IX 

Figure 4.6: Luminescence decay of voltage-controlled propagation. (a,b) Decay of IX luminescence 

measured at the IX line energies 1.24–1.38 eV at short (a) and long (b) delay times vs. voltage. This 

energy range corresponds to the IX state showing the long-range propagation (Figure 4.2). For the data in 

(a), the laser excitation pulse duration 𝝉𝐩𝐮𝐥𝐬𝐞 = 14 ns, period 𝝉𝐩𝐞𝐫𝐢𝐨𝐝 = 60 ns, and edge sharpness ~ 5 ns 

and the signal integration window 𝝉𝐰 = 6 ns. For the data in (b), to access the long delay times 𝝉𝐩𝐮𝐥𝐬𝐞, 

𝝉𝐩𝐞𝐫𝐢𝐨𝐝, and 𝝉𝐰 are increased to 400, 1600, and 200 ns, respectively. (c) IX luminescence decay times at 

short (points) and long (triangles) delay times derived from the data (a) and (b), respectively. The IX 

luminescence is integrated over the entire heterostructure to increase the signal. For all data, 𝑷𝐞𝐱 = 4 mW, 

T = 1.7 K. 
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energy (Figure 4.2b) further below the DX energy that reduces the overlap of the electron and 

hole wavefunctions for IXs [28]. The IX decay times are orders of magnitude longer than the DX 

decay times [151] and are controlled by gate voltage (Figure 4.6). Different factors may 

contribute to deviations of the luminescence decay from an exponential decay. For instance, due 

to a possible heterostructure inhomogeneity the areas with shorter exciton lifetimes may 

contribute more at initial decay times. A fast initial component may also appear due to the decay 

of low-energy DX states, which appear in the IX spectral range due to the tail of DX density of 

states. Localized DXs at low energies in the spectral range of IXs were studied in GaAs/AlAs 

heterostructure [152]. 

4.4 Conclusions and Outlook 
 

In summary, we realize long-range IX propagation with the     IX luminescence decay 

distances reaching 13 microns in a MoSe2/WSe2 heterostructure. This propagation distance is 

sufficiently long to allow for creating elaborate excitonic devices and circuits. We also realize 

control of the long-range IX propagation by gate voltage. The control of the IX propagation in 

the MoSe2/WSe2 heterostructure is governed by new mechanisms, beyond the known mechanism 

for controlling IX transport by an energy barrier to IX propagation (or a trap for IXs) created by 

the gate electrode that was reported in GaAs and TMD heterostructures. We discuss the origin of 

the voltage-controlled long-range IX propagation in the MoSe2/WSe2 heterostructure, in 

particular, the electric-field control of the moiré potential. 

This work presents the proof of principle to overcome moiré superlattice potentials and 

realize the long-range IX propagation in MoSe2/WSe2 TMD heterostructures that make TMD a 

promising materials platform for the development of excitonic devices. The IX binding energies 
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are high enough to make the IXs stable at room temperature and IXs in the laser excitation spot 

are observed at room temperature in MoSe2/WSe2 heterostructures [138]. However, the long-

range IX propagation and the switching between the on and off state are observed up to ~ 50 K 

in the studied heterostructure (Figure 4.4), presumably due to the heterostructure imperfections. 

The realization of long-range IX propagation at higher temperatures is the subject for future 

works.  
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Chapter 5 

Quantum Transport of Indirect Excitons 

5.1 Introduction 
 

A spatially indirect exciton (IX) is a bound pair of an electron and a hole confined in 

separated layers [9]. Due to the spatial separation of electrons and holes, the lifetimes of IXs can 

exceed the lifetimes of spatially direct excitons (DXs) by orders of magnitude. The long lifetimes 

allow IXs to travel long distances before recombination. The long-range IX transport has been 

extensively studied in GaAs heterostructures where the     distances of IX luminescence      

reach tens and hundreds of microns [11,13,15,18–20,22,24,25,66–69,110,127,128,130,133,153–

155]. The long IX propagation distances in GaAs heterostructures allowed uncovering a number 

of exciton transport phenomena, including the inner ring in exciton emission patterns [13,24], the 

exciton localization-delocalization transition in random [13], periodic [18], and moving [22] 

potentials, the transistor effect for excitons [25], the long-range coherent spin 

transport [14,66,67], and the dissipationless exciton transport over long times evidencing the 

exciton superfluidity [15]. 

Excitons exist at temperatures roughly below           (       is the exciton binding 

energy,    the Boltzmann constant) [26]. IXs in GaAs heterostructures exist at low temperatures 

due to their low binding energies: The IX binding energy is typically ~ 4 meV in GaAs/AlGaAs 

heterostructures [27] and ~ 10 meV in GaAs/AlAs heterostructures [28]. Furthermore, the 

temperature of quantum degeneracy, which can be achieved with increasing density before 
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excitons dissociate to electron-hole plasma, scales proportionally to        [38]. Therefore, 

material systems where IXs have high binding energies can provide the platform for the 

realization of both high-temperature excitonic quantum phenomena and high-temperature 

excitonic devices. IXs are explored in III-V and II-VI semiconductor heterostructures based on 

GaAs [11,13–15,18–20,22,24,25,66–69,127,128,130,133,153–155], GaN [71–73,156], and 

ZnO [29,157]. Among these materials, the highest IX binding energy ~ 30 meV is in ZnO 

heterostructures [29]. 

Excitons with remarkably high binding energies can be realized in van der Waals 

heterostructures composed of atomically thin layers of transition-metal dichalcogenides 

(TMDs) [31,74,75,158]. The IX binding energies in TMD heterostructures reach hundreds of 

meV [37,38], making IXs stable at room temperature [49,138]. Propagation of both DXs in TMD 

monolayers [139–144,159] and IXs in TMD heterostructures [50–58] is intensively studied. 

However, in spite of long IX lifetimes in TMD heterostructures, orders of magnitude longer than 

DX lifetimes, a relatively short-range IX propagation with      up ~ 3 µm was reported in the 

studies of TMD heterostructures. 

The short-range of IX propagation originates from in-plane potentials in the TMD 

heterostructures. In-plane potentials localize excitons and suppress exciton transport. In addition 

to a long IX lifetime, a long-range IX propagation requires that the in-plane-potential-induced 

localization and scattering of IXs is weak. In particular, the long-range IX propagation with a 

high IX diffusion coefficient is realized in GaAs heterostructures with small in-plane disorder 

potentials [19].  

In contrast to GaAs heterostructures, in mechanically stacked TMD heterostructures, the 

layers are not perfectly aligned and the misalignment can cause significant moiré superlattice 
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potentials. For MoSe2/WSe2 heterostructures, similar to the heterostructure studied in this work, 

the IX energy modulations in moiré potentials are predicted to be in the range of tens of 

meV [42,44,45,93,94]. Moiré superlattices enable studying excitons in in-plane potentials with 

the period       √        typically in the ~ 10 nm range (  is the lattice constant,    is the 

lattice mismatch,    is the twist angle deviation from     ,   is an 

integer) [88,89,91,92,137,160] and the moiré potentials can be affected by atomic 

reconstruction [46,147–150]. However, for the exciton propagation, the moiré potentials can 

cause an obstacle and, along with in-plane disorder potentials, can be responsible for limiting the 

IX propagation distances to      ~ 3 µm in the TMD heterostructures [50–58]. 

The IX propagation with      ~ 10 µm was realized by applying voltage between the top 

and bottom electrodes in a TMD heterostructure [161]. The origin of this voltage-controlled IX 

propagation was discussed in terms of the theoretically predicted [45] tuning of the moiré 

potential by electric-field, enabling the IX delocalization. 

5.2 Results 
 

In this work, we realize in a MoSe2/WSe2 TMD heterostructure a macroscopically long-

range IX propagation with      reaching ~ 100 µm. The strong enhancement of IX propagation 

is realized using an optical excitation resonant to DXs in the heterostructure. The data show that 

the strong enhancement of IX propagation is caused by the suppression of IX localization and 

scattering and is observed in the quantum regime. 

The MoSe2/WSe2 heterostructure is assembled by stacking mechanically exfoliated 2D 

crystals on a graphite substrate. The MoSe2 and WSe2 monolayers are encapsulated by dielectric 

cladding layers of hexagonal boron nitride (hBN). IXs are formed from electrons and holes 
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confined in adjacent MoSe2 and WSe2 monolayers, respectively. No voltage is applied in the 

heterostructure. In the absence of applied voltage, IXs form the ground state in the MoSe2/WSe2 

heterostructure. 

The long-range IX propagation with      reaching ~ 100 µm (Figure 5.1a,b) is realized 

Figure 5.1: Resonant excitation enhances IX propagation. (a) Normalized IX luminescence profiles 

for laser excitation off (𝑬𝐞𝐱 = 1.771 eV, blue) and near 𝑬𝐞𝐱 = 1.676 eV, red) the DX absorption 

resonance. The heterostructure active area extends from 𝒙 = -3 to 12 µm. The blue and red dashed lines 

show decays with 𝒅𝟏 𝒆 = 5 and 100 µm, respectively. The black dashed line shows the DX luminescence 

profile in the WSe2 monolayer, this profile is close to the laser excitation profile for a short DX 

propagation. (b) The 𝟏 𝒆 decay distance of IX luminescence 𝒅𝟏 𝒆 vs. 𝑬𝐞𝐱. 𝒅𝟏 𝒆 are calculated from 

fitting the IX luminescence profiles to exponential decays in the region 𝒙 = 0 to 11 µm. The data with the 

fit indicating 𝒅𝟏 𝒆 > 100 µm are presented by points on the edge. The finite heterostructure dimensions 

limit the longest 𝒅𝟏 𝒆, which can be reliably established, to ~ 100 µm. (c,d) The spectra for resonant [𝑬𝐞𝐱 

= 1.694 eV, (c)] and non-resonant [𝑬𝐞𝐱 = 1.96 eV, (d)] excitation. The relative intensity of the higher-

energy DX luminescence is lower for the resonant excitation, evidencing a lower temperature of the 

exciton system. (e) Integrated IX luminescence intensity vs. 𝑬𝐞𝐱 showing two absorption peaks 

corresponding to the MoSe2 and WSe2 DXs. For data in (a-e), 𝑷𝐞𝐱 = 0.2 mW, T = 1.7 K. (f) The IX 

energy at the excitation spot vs. 𝑷𝐞𝐱. 𝑬𝐞𝐱 = 1.623 eV, 𝑻 = 6 K. (g) 𝒅𝟏 𝒆 vs. the IX energy increase at the 

excitation spot 𝜹𝑬 for resonant (𝑬𝐞𝐱 = 1.623 eV, red) and nonresonant (𝑬𝐞𝐱 = 1.96 eV, blue) excitation. 𝑻 

= 6 K. For all data, the ~ 1.5 µm laser spot is centered at 𝒙 = 0. 
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when the optical excitation has the energy     close to the MoSe2 or WSe2 DX energy (Figure 

5.1e). The IX propagation with even longer      is likely realized for     close to the DX 

energy, however, the finite heterostructure dimensions limit the longest     , which can be 

reliably established, to ~ 100 µm (Figure 5.1a,b). In contrast, for a non-resonant excitation, the 

range of IX propagation is substantially shorter (Figure 5.1a,b). The IX luminescence is traced 

along the entire IX propagation path from the excitation spot to the edge of the heterostructure 

(Figure 5.1c). Spatial intensity modulations along the IX propagation will be considered 

elsewhere. 

The factors, which contribute to the enhancement of IX propagation, are outlined below. 

IXs have built-in electric dipoles ~     (   is the separation between the electron and hole 

layers) and the interaction between IXs is repulsive. An enhancement of IX transport with 

increasing IX density due to the repulsive IX interaction is caused (1) by the suppression of IX 

localization and scattering and (2) by the IX-interaction-induced drift from the origin.  

The data show that the first factor causes the major effect. The nature of the second factor 

is an increase of IX energy at the excitation spot    with increasing IX density   (Figure 5.1f) 

that causes IX drift from the origin [24]. The nearly resonant excitation produces a higher   due 

to a higher absorption, thus increasing    and, in turn, the IX drift. However, the higher   and 

   can be also achieved for nonresonant excitation using higher excitation powers    . Figure 

5.1g shows      vs.    both for the resonant and nonresonant excitation. For the same   , a 

much higher      is realized for the resonant excitation. This shows that the effect of IX energy 

increase at the excitation spot on the enhancement of IX propagation is minor. The strong 

enhancement of IX propagation at resonant excitation originates from the suppression of 

localization and scattering of IXs.  



57 

 

 The IX energy increase due to the repulsive interaction    (Figure 5.1f) can be used for 

estimating the IX density  . For instance, for the optimal IX propagation conditions, that is for 

the nearly resonant excitation (Figure 5.1) and the temperature and     corresponding to the long 

     (Figure 5.3),    ~ 3meV (Figure 5.1f) and an estimate for   using the mean-field "plate 

capacitor" formula        [121] gives   ~  ×      cm
-2

 (           ,    ~ 0.6 nm, the 

dielectric constant   ~ 7.4 [36]). This estimate can be improved by taking into account IX 

correlations that increases   in comparison to the mean-field estimate. The increase is ~ 3 times 

for IXs in GaAs heterostructures [18,162]. While similar estimates for correlations in TMD 

heterostructures are yet unavailable, using the correlation correction similar to that in GaAs gives 

Figure 5.2: IX propagation kinetics. (a) IX luminescence profiles during the laser excitation pulse at 

different times. (b) Normalized IX luminescence intensity vs. time at different positions. (c) 𝑹 vs. 𝜹𝒕. 𝜹𝒕 
is the time to reach 70% of the maximum intensity at distance 𝑹 from the excitation spot relative to that 

time in the excitation spot. (d) 𝑹𝟐 vs. 𝜹𝒕. The dashed line is a fit to the data with 𝑫  𝑹𝟐 𝜹𝒕 = 70 cm
2
/s. 

(e,f) 𝑫  vs. temperature (e) and vs. 𝜹𝑬 (f). 𝑷𝐞𝐱 = 0.15 mW for data in (a-e). 𝑻 = 1.7 K for data in (a-d,f). 

For all data, the times are given at the ends of the 10 ns signal integration windows, the excitation pulse 

starts at 𝒕 = 0, 𝑬𝐞𝐱 = 1.694 eV, the ~ 2 µm laser spot is centered at 𝒙 = 0. 
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the estimated IX density   ~ 6×10
11

 cm
-2

 for the optimal IX propagation conditions. In turn, an 

estimated temperature of quantum degeneracy              ~ 30 K [38] (  ~ 0.9    is the 

IX mass in the TMD heterostructure [163,164]). This estimate shows that the observed strong 

enhancement of IX propagation at resonant excitation due to the suppression of IX localization 

and scattering occurs (i) in the quantum regime and (ii) in a dilute IX gas with the densities 

below the Mott transition density       > 10
12

 cm
-2

  [38,165].  

In the quantum regime, the pioneering works on IXs predict IX superfluidity [9] that 

suppresses the IX localization and scattering. However, a theory of quantum transport of IXs in 

TMD heterostructures, in particular in the presence of moiré potentials, yet need to be developed. 

Therefore, below, we use the classical drift-diffusion model [24] (section 5.3), to discuss the 

characteristics of IX propagation. 

For instance, within the drift-diffusion model of IX transport [24], the suppression of IX 

localization and scattering is accounted for by screening of the in-plane potential by repulsively 

interacting IXs. The screening of in-plane potential is more effective when the excitation is close 

to the DX resonances. In particular, heating of the exciton system by the nearly resonant 

excitation is, in general, smaller than for non-resonant excitation, and the colder IXs can screen 

the in-plane potential more effectively [18,24]. The most efficient screening of the in-plane 

potential by IXs is realized below the temperature of IX condensation [166].  

Figure 5.2 shows the kinetics of IX propagation from the excitation spot for the nearly 

optimal propagation conditions. The IX kinetics is measured during the rectangular-shaped laser 

excitation pulses with the duration 100 ns and period 300 ns. The 200 ns off time exceeds the IX 

lifetime (Figure 5.4) and is sufficient for a substantial decay of the IX signal. The IX 

luminescence at locations away from the excitation spot is delayed in comparison to the IX 
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luminescence in the excitation spot (Figure 5.2a,b). The delay times    for the IX cloud to 

expand to the locations separated by distance   from the origin allow estimating the IX transport 

characteristics. Fitting   vs.    by           (Figure 5.2d), gives an estimate for the effective 

IX diffusion coefficient    ~ 70 cm
2
/s. 

For a diffusive IX propagation, both IX drift and diffusion contribute to the expansion of 

IX cloud. With increasing distance from the origin, both the IX density   and IX interaction 

energy          decrease. The IX energy gradient causes the IX drift away from the origin. 

Fitting an IX cloud expansion by           probes the effective IX diffusion coefficient 

         , which includes both the diffusion and drift due to the density gradient [167]. 

The IX mobility    can be estimated using the Einstein relation       ⁄ , giving                

               . For     ~ 3 meV at     = 0.15 mW (Figure 5.1f),    ~ 70 cm
2
/s (Figure 

5.2d), and T = 1.7 K, this equation gives an estimate for the IX diffusion coefficient   ~ 4 cm
2
/s. 

In turn, the estimated IX mobility       ⁄  ~ 3×10
4
 cm

2
/(eV s). 

The data   vs.    (Figure 5.2c) indicate that an IX cloud expansion occurs with a nearly 

constant velocity after first few ns. The estimated average velocity of the IX cloud expansion for 

the time range    = 1 – 20 ns,         ~ 5×10
4
 cm/s (Figure 5.2c). 

The variation of    with temperature and    is presented in Figure 5.2e,f (   

characterizes the IX density   at the origin). An enhancement of    with density can be in 

principle explained by the classical IX drift and diffusion: both the exciton diffusion coefficient 

  and the IX drift should increase with  , the former due to the enhanced screening of in-plane 

potential and the latter due to the enhanced    at the origin [24], for details see section 5.3. An 

enhancement of IX propagation with density due to these factors was observed in earlier studies 

of both GaAs and TMD heterostructures, see e.g. Refs.  [18,24,51,57,58]. As outlined above, the 
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long-range IX propagation at resonant excitation, presented here, originates from the suppression 

of IX localization and scattering in the quantum dilute IX gas and is qualitatively different from 

the IX propagation in earlier studies of TMD heterostructures. 

A reduction of    with temperature is observed for T > 6 K (Figure 5.2e). A suppression 

of IX propagation with temperature is consistent with the expected behavior for quantum exciton 

transport [9] and complies with the reduction of superfluid density with temperature: A nearly 

linear reduction of the superfluid density with temperature at temperatures below the 

Berezinskii-Kosterlitz-Thouless transition is found in the theory [168]. We note however that 

more accurate measurements are needed for a quantitative comparison with the theory. This 

Figure 5.3: 𝑷  𝑻 diagram for IX propagation length. (a-c) Normalized IX luminescence profiles for 

different 𝑷𝐞𝐱 (a,b) and temperatures (c). The dashed line shows the DX luminescence profile in the WSe2 

monolayer, this profile is close to the laser excitation profile for a short DX propagation. 𝑻 = 6 K (a,b,d), 

𝑷𝐞𝐱 = 0.2 mW (c,e). (d,e) The 𝟏 𝒆 decay distance of IX luminescence 𝒅𝟏 𝒆 vs. 𝑷𝐞𝐱 (d) and vs. 

temperature (e). (f) Contour plot showing the decay distance 𝒅𝟏 𝒆 vs. both 𝑷𝐞𝐱 and temperature. The 

greatest IX propagation occurs at 𝑻 ~ 6  K and 𝑷𝐞𝐱 ~ 0.2 mW. For all data, 𝑬𝐞𝐱 = 1.623 eV, the ~ 1.5 µm 

laser spot is centered at 𝒙 = 0. 
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forms a subject for future works. In particular, an increase of    with temperature at T < 6 K 

(Figure 5.2e) need to be understood. In general, the contributions of both the normal and 

superfluid components to the quantum exciton transport should be explored. The classical drift-

diffusion model [24] is inconsistent with the observed temperature dependence of IX transport, 

see section 5.3. 

The excitation power and temperature dependence of IX propagation is presented in 

Figure 5.3. With increasing    , the IX propagation distance      changes nonmonotonically. A 

relatively short-range IX propagation is observed at the lowest     (Figure 5.3a,d). This is 

consistent with the IX localization in the in-plane potential. Increasing     and, in turn, IX 

density   suppresses the IX localization and scattering and results in an enhancement of IX 

propagation. The longest IX propagation is achieved at     ~ 0.2 mW and the further 

enhancement of     leads to the suppression of IX propagation (Figure 5.3b,d). This suppression 

is related to the reduction of IX lifetime at high     (Figure 5.4c). 

Figure 5.4: IX decay kinetics. (a,b) Spatially integrated IX luminescence intensity vs. time for different 

𝑷𝐞𝐱 (a) and temperatures (b). The times are given at the ends of the 10 ns signal integration windows. The 

excitation pulse ends at 𝒕 = 0. (c,d) The IX lifetime 𝝉 vs. 𝑷𝐞𝐱 (c) and vs. temperature (d). 𝝉 is the initial 

decay time after the excitation pulse end. 𝑻 = 1.7 K (a,c), 𝑷𝐞𝐱 = 0.15 mW (b,d). For all data, 𝑬𝐞𝐱 = 1.694 

eV. 
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With increasing temperature, the IX propagation first enhances, reaches maximum 

around   ~ 6 K, and reduces at higher temperatures (Figure 5.3e). This behavior is related to the 

temperature dependence of    (Figure 5.2e), with the suppression at high temperatures further 

enhanced by the reduction of IX lifetime (Figure 5.4d). The measured       diagram for the IX 

propagation distance      is shown in Figure 5.3f. 

Figure 5.4 shows the IX luminescence decay kinetics after the laser excitation pulse is 

off. The IX decay times   (Figure 5.4) are orders of magnitude longer than the DX decay 

times [151]. Both increasing     (Figure 5.4a,c) and temperature (Figure 5.4b,d) lead to a 

reduction of  . This reduction of   contributes to suppressing the IX propagation at high 

excitation powers and temperatures as outlined above. 

5.3 Drift-Diffusion Model of IX Transport 
 

The drift-diffusion model of IX transport [24,169,170], used for the estimates for IX 

diffusion coefficient and mobility in the main text, is outlined in this section. Within this model, 

IX transport is described by the equation for IX density   

 
  

  
  [           ]    

 

 
 (5.1)   

The first and second terms in square brackets in Equation 5.1 describe IX diffusion and 

drift currents, respectively. The latter originates from the IX repulsive dipolar interactions and is 

approximated by the mean-field "plate capacitor" formula for the IX energy shift with density 

      ,              [121]. The diffusion coefficient  

          [               ] (5.2) 

accounts for the temperature- and density-dependent screening of the long-range-correlated in-

plane potential landscape by interacting IXs,      is the diffusion coefficient in the absence of in-
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plane potential and     /2 is the amplitude of the in-plane potential [24,169,170]. The IX 

mobility   is given by the Einstein relation       ⁄ . The IX generation rate   has a profile of 

the laser excitation spot.   is the IX lifetime.  

Both the IX-interaction-induced screening of in-plane potential and the IX-interaction-

induced drift from the origin contribute to the enhancement of IX transport with increasing IX 

density $n$. In particular, within the classical drift-diffusion model [24,169,170], the 

enhancement of IX transport due to the IX-interaction-induced screening of in-plane potential is 

described by Equation 5.2, while the enhancement of IX transport due to the IX-interaction-

induced drift from the origin is described by Equation 5.3  

                 (5.3) 

Equations 5.2 and 5.3 show that within the classical drift-diffusion model [24,169,170], 

both   and    should increase with density for any      (Figure 5.5). The variation of    

increases with      (Figure 5.6), and the variation of    in the experiment (~ 3 times for    = 1 

– 4 meV, Figure 5.2f) corresponds to vanishing in-plane potential (     < 1 meV). The predicted 

     for MoSe2/WSe2 heterobilayers with R and H stacking is ~100 and ~ 25 meV, 

respectively [44,45]. 

Equations 5.2 and 5.33 show that within the classical drift-diffusion model [24,169,170], 

Figure 5.5: Dependence of 𝑫  on IX interaction energy. 𝑫  𝑫 𝟎  vs. 𝜹𝑬 for different 𝑼 𝟎 . 𝑻 = 1.7 K. 
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  should increase with temperature for any     , however, the dependence of    on temperature 

is nonmonotonic (Figure 5.6). Within this model,    increases with temperature when      

            . The classical drift-diffusion model [24,169,170] (Equations 5.1–3, Figure 5.6) 

is inconsistent with the observed temperature dependence of IX transport (Figure 5.2e): If    

increases with temperature at   ~ 2 – 6 K, as in the experiment, then within the model    should 

also increase with temperature at higher temperatures [if                    at lower  , 

this inequality holds for higher  , see e.g. the black lines in Figure 5.6d,e,f] that is inconsistent 

with the experiment; If    reduces with temperature at   > 6 K, as in the experiment, then within 

the model    should also reduce with temperature at lower temperatures [if      

              at higher  , this inequality holds for lower  , see e.g. the black lines in Figure 

5.6a,b,c)] that is inconsistent with the experiment. 

Figure 5.6: Dependence of 𝑫  on temperature. 𝑫  𝑫 𝟎  vs. 𝑻 for different 𝜹𝑬 and 𝑼 𝟎 . 
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5.4  Conclusions and Outlook 
 

In summary, a macroscopically long-range IX propagation with the decay distances      

reaching ~ 100 µm is observed in a van der Waals MoSe2/WSe2 heterostructure. The strong 

enhancement of IX propagation is realized using an optical excitation resonant to DXs in the 

heterostructure. The strong enhancement of IX propagation originates from the suppression of IX 

localization and scattering and is observed in the quantum regime. 

The observation of long-range IX transport in the presence of predicted strong 

localization potentials suggests a path forward for the development of excitonic devices in the 

TMD system. It is the subject for future work to identify the precise causes of the strong 

suppression of IX scattering and localization potentials. 
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