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Control of doping and carrier concentration at the nanoscale is an essential requirement to realize future
electronic and optoelectronic devices in two-dimensional van der Waals (vdW) heterostructures. In spite of great
efforts on the related study, introducing nanoscale high-quality junctions with custom-designed sizes and sites
remains an outstanding challenge in experiments. Here, we overcome the challenges by combining scanning
tunneling microscope (STM) lithography with structural phase transition of transition metal dichalcogenides
(TMDs). Our experiments demonstrate that nanoscale TMD islands can be created, moved, sliced, and merged
at the interface of graphene/TMD heterostructures by using a STM tip. The reported method can in situ
introduce the structural phase transition in the interfacial TMD islands, generating well-defined nanoscale
electrostatic potentials in graphene and enabling the realization of custom-designed artificial model systems.
Our result enables the creation of high-quality patterned quantum confined systems to fully engineer electronic
and optoelectronic properties of vdW heterostructures.

DOI: 10.1103/PhysRevB.110.125416

I. INTRODUCTION

Introducing high-quality electronic potentials in two-
dimensional (2D) materials is vital to explore exotic phenom-
ena predicted in fundamental physics. Notable examples are
the realization of the Klein tunneling and atomic collapse
states in graphene with well-defined electronic potentials
[1–18]. Besides that, patterning high-quality electronic po-
tentials in 2D materials is a powerful method to tune the
band structures and control behaviors of charge carriers
[19–22]. Therefore, it is also an essential requirement to
realize nanoscale electronic and optoelectronic devices with
tunable properties [23–29], which has long been a pursuit of
the material science community. During the past 10 years,
several different strategies have been developed to introduce
electronic potentials in 2D materials [5–18,26–29]. However,
realizing nanoscale high-quality electronic potentials with
well-defined sizes and sites in 2D materials is still an extreme
challenge in experiment up to now. Here we overcome this
challenge and report a route to realize patterns of nanoscale
high-quality electronic potentials with custom-designed sizes
and positions in graphene/transition metal dichalcogenide
(TMD) heterostructures. By using scanning tunneling micro-
scope (STM) lithography [30–32], we create monolayer TMD
islands with tunable sizes and sites at the interfaces of four dif-
ferent graphene/TMD heterostructures. The interfacial TMD
islands undergo a structural phase transition [33,34], thereby
introducing well-defined electrostatic potentials on graphene
that effectively form graphene quantum dots (QDs), enabling

*These authors contributed equally to this work.
†Contact author: helin@bnu.edu.cn

us to fully engineer the electronic structure of the heterostruc-
tures. The reported method helps us to realize a wide variety
of high-quality mixed-dimensional heterostructures [35,36]
by integration of 2D heterostructures with zero-dimensional
QDs.

II. RESULTS AND DISCUSSION

In our experiment, four different high-quality
graphene/TMD heterostructures are obtained by using transfer
technology, as reported previously [15,17,37,38], of graphene
monolayer onto mechanically exfoliated TMD sheets,
including WSe2, WS2, MoSe2, and MoTe2. Here we show
that we can create interfacial islands in the graphene/TMD
heterostructures through voltage pulses applied to the STM
tip, as schematically shown in Figs. 1(a)–1(c). By using
a STM tip with a large voltage pulse (see Fig. S1 in the
Supplemental Material [39] as an example), our experiment
indicates that the supporting TMD substrate can be locally
fractured even though it is covered with graphene. Then,
nanoscale pits are generated in the substrates and we are able
to “create” interfacial monolayer/bilayer TMD islands from
the pits in the substrates. Figure 1(d) shows a representative
STM image of a monolayer WSe2 island generated at the
interface of graphene/WSe2 heterostructure and the thickness
of the island is the same as that of a WSe2 monolayer
∼0.8–1.0 nm. In our experiment, nanoscale pits of the bulk
TMD substrates are usually observed around the interfacial
TMD islands (see Figs. S2–S4 in the Supplemental Material
[39]), further confirming that the interfacial TMD islands
are generated from the pits of the substrate. The topmost
graphene monolayer is unattacked by the tip pulses and there
is no graphene fragment around the WSe2 pits and islands.
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FIG. 1. In situ creating interfacial TMD islands in graphene/TMD heterostructures. (a) Sketch of the STM setup. (b) and (c) Schematics of
graphene/TMD heterostructures before and after an applied tip pulse, respectively. (d) Top: The STM image (Vb = 350 mV, I = 400 pA) of a
graphene/WSe2 heterostructure QD. Bottom: A height profile across the WSe2 island. (e) Atomic-resolved STM image. (f) and (h) Fast Fourier
transform (FFT) images obtained from the STM image off and on the QD, respectively. The green and white circles show reciprocal lattices
of graphene and WSe2, respectively. The unlabeled bright spots correspond to the reciprocal moiré superlattices and higher-order scattering.
(g) and (i) Inverse FFT images obtained by filtering the components of WSe2 lattices off and on the QD, respectively.

Such a result is quite reasonable because the C-C bond in
graphene is rather strong, and the fracture stress of graphene
is about six times larger than that of WSe2 [40].

One key observation in our experiment is that there is a
structural phase transition in the interfacial TMD islands. Here
we still introduce the result of graphene/WSe2 heterostructure
as an example and the results obtained in other graphene/TMD
heterostructures are similar. Although the WSe2 islands are
covered by a graphene sheet, it is still possible to obtain
their atomic-resolved STM images. The WSe2 substrate is
characterized by a trigonal-prismatic coordination of transi-
tion metal atoms and it is denoted as the 1H (2H) phase in
the single-layer (bulk) form, as shown in Figs. 1(f) and 1(g).
However, the interfacial WSe2 islands become monoclinic 1T′
phase after the tip pulse, as shown in Figs. 1(e), 1(h), and 1(i).
Then, the adjacent two tungsten arrays become closer to each
other, making one array of top Se atoms become higher than
the adjacent array, which can be clearly observed in the STM
measurements. According to previous studies [33,34], the me-
chanical strain, the electronic doping, the atomic defects, and
so on can result in the structural transition from the 1H phase
to the 1T′ phase of the TMDs. Therefore, the strain induced by
the adjacent graphene and WSe2 substrate during the fractured
process, local electrostatic gating induced by the STM tip, and
edge atoms of the interfacial WSe2 islands may induce the
observed structural phase transition. Although many differ-
ent methods have been developed to introduce the structural
phase transitions in the TMDs [33,34], the reported result
here is quite unique because it provides an unprecedented

opportunity to in situ introduce the structural phase transition
at custom-designed sites and with nanoscale precision. More-
over, by presetting the coordinates of the STM tip and using
a series of voltage pulses, then, different custom-designed
patterns of the islands can be obtained (see Supplemental
Material [39] Fig. S5).

The other key observation in this work is that all the in-
terfacial TMD islands can introduce electrostatic potentials
on the graphene above them, generating quasibound states
in graphene, which effectively form graphene QDs (see Sup-
plemental Material [39] Figs. S6–S8). To explore the origin
of this, we measured atomic structures of hundreds of the
interfacial TMD islands and studied the electronic proper-
ties of graphene above them. Our experiments demonstrate
that the induced local electrostatic potential in graphene is
closely related to the structural phase transition of the TMD
islands. Here we still introduce the result of graphene/WSe2

heterostructure as an example, as summarized in Fig. 2. In
our experiment, most of the interfacial WSe2 islands become
monoclinic 1T′ phase after the tip pulse, with only a few of
the studied interfacial WSe2 nanostructures remaining in the
1H phase. Figure 2(a) shows a representative STM image
of two interfacial WSe2 islands in the heterostructure: one
is in the 1T’′phase and the other is in the 1H phase. The
atomic-resolved STM characterizations of the two interfa-
cial WSe2 islands covered by graphene are summarized in
Figs. 2(c)–2(h). Figure 2(b) shows typical scanning tunnel-
ing spectroscopy (STS) spectra measured in the graphene
on and off the WSe2 islands and Fig. 2(i) shows represen-
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FIG. 2. (a) A STM image (Vb = 500 mV, I = 200 pA) of two graphene/WSe2 heterostructure QDs. QD 1 (QD 2) is the graphene-covered
1T ′-phase (1H-phase) WSe2 island. Middle: The height profile of QD 1 and QD 2. Bottom: Schematics of graphene/TMD heterostructure with
two interfacial islands. (b) Typical dI/dV spectra measured off (black line) and on the QD 1 (blue lines) and QD 2 (green line) in panel (a).
The arrows denote the positions of the Dirac points. (c) and (d) The FFT images obtained from STM images on QD 1 and QD 2, respectively.
The green and white circles show the reciprocal lattices of graphene and WSe2, respectively. The red arrows show the reciprocal lattice vectors
a′ and b′ of WSe2. (e) and (g). Enlarged STM images (Vb = 500 mV, I = 200 pA) of QD 1 and QD 2, respectively. (f) and (h) Reverse FFT
by filtering the components of WSe2 lattices in the white circles in panels (c) and (d), respectively. Red rectangle and rhombus depict the unit
cells of 1T′ and 1H WSe2, respectively (with unit vectors a and b). (i) The dI/dV spectroscopic maps measured along the direction of different
colored solid lines in panel (a). The blue solid dots indicate the Dirac point. The red dashed lines are guides to the eye. (j) STS maps recorded
at different energies around the graphene/WSe2 heterostructure QDs.

tative STS, i.e., dI/dV, spectroscopic maps recorded across
the graphene/WSe2 heterostructure QDs. For the graphene
covering the 1T′-phase WSe2 island, the supporting sub-
strates of graphene on and off the QD are the 1T′-phase
and 2H-phase WSe2, respectively, which have quite differ-
ent electronic properties and work functions [33,34]. Then,
we observe large variations of the local doping in graphene
on and off the 1T′-phase WSe2 islands and a sequence of
temporarily confined quasibound states, shown as resonance
peaks in the spectrum, are clearly observed [see Fig. 2(b)
and the left panel of Fig. 2(i)]. According to the measured
spatial-dependent Dirac points [Fig. 2(i)], the 1T′ WSe2 is-
land introduces Coulomb-like electrostatic potential on the
graphene above it, which generates both atomic collapse states
(ACSs) and whispering gallery modes (WGMs) in graphene
[15,17]. The ACSs locate at the center of the potential field
due to collapse by the Coulomb potential, while the WGMs
locate at the edge of the potential profile due to the large
cut-off radius of the Coulomb potential [15,17]. Both the
ACSs and the WGMs can be directly imaged in STS maps
at selected energies, as shown in Fig. 2(j). The slight spa-

tial dispersion of the quasibound states observed in the STS
linecuts is mainly due to the STM tip potential distorting
the potential. For the graphene covering the 1H-phase WSe2

island, both the supporting substrates of graphene on and off
the QD are the H-phase WSe2. In this case, we only observe
a very small variation of the local doping [see Fig. 2(b),
middle and right panels of Fig. 2(i)], which may arise from
effects of dangling bonds at the edge of the island, and
it is difficult to observe a series of quasibound states (see
Supplemental Material [39] Fig. S9 for more experimental
data).

The cut-off shape of the electrostatic potential plays a vital
role in determining the electronic properties of the graphene
QDs [15,17]. According to our experiment, the cut-off shape
of the Coulomb potential is mainly determined by the ge-
ometry of the interfacial TMD islands [see Fig. 2(i) and
Supplemental Material [39] Figs. S6–S8]. Below, we will
show that the interfacial TMD islands can be moved, sliced,
and merged with an STM tip (as summarized in Figs. 3 and 4),
which provides an unprecedented opportunity to in situ tune
the electrostatic potentials in the heterostructures. By moving
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FIG. 3. (a) A representative result of tailoring the interfacial
WSe2 islands. QD 2 is first moved to a nearby pit of the WSe2

substrate. Then, it is tailored into two pieces, QD 2′ and QD 2′′, when
it is lifted by the STM tip. The scale bar is 10 nm. (b) The area of the
WSe2 QD 4 increases with increasing the number of tip pulses (the
positions that applied the tip pulses are marked by “×”). The scale
bar is 5 nm.

the STM tip along a given direction, the WSe2 islands can
be moved to a selected position even though they are buried
at the interface of the graphene/WSe2 heterostructures. We
demonstrate the ability to tune the positions of the interfacial
WSe2 islands with nanoscale precision, as shown in Fig. 4 (see
Supplemental Material [39] Fig. S10 for more experimental
data). Because of the small fracture stress of WSe2, we further
show the ability to slice the interfacial islands by using the
STM tip. Figure 3(a) shows a typical result. First, the selected
WSe2 island is moved to a nearby pit of the WSe2 substrate.
The edge atoms of the pit seem to increase the interaction
between the WSe2 island and the WSe2 substrate. Then, by
moving the STM tip, the WSe2 island can be sliced into
two pieces. Our experiment further demonstrates that the area
of the interfacial WSe2 island can be continuously tuned by
merging the smaller WSe2 fragments from the pit of the sub-
strate. To confirm this, several tip pulses are applied around an
interfacial WSe2 island, as shown in Fig. 3(b). With increasing
the number of tip pulses, the area of the adjacent single-crystal
WSe2 island increases. Such a result demonstrates explicitly
that the small WSe2 fragments at the interface will be merged
into a larger single-crystal WSe2 island, which implies that
the local Joule heating generated by the tip pulse plays an
important role in the merging process. This result also helps

us to understand the result that the area of the interfacial
WSe2 island is usually several times larger than that of the
corresponding nearby WSe2 pit (see Supplemental Material
[39] Fig. S11 for details and more discussion).

Combining the ability to tune the positions and tailor the
sizes of the interfacial islands, the method reported here may
open an avenue to build custom-designed patterns of the
WSe2 islands to realize artificial model systems via coupled
quasibound states in graphene. Figure 4 shows the simplest
example realized in our experiment: the distance �D, i.e., the
tunneling coupling, between two graphene/WSe2 heterostruc-
ture QDs is continuously tuned. For the case that �D ≈
80 nm, the tunneling coupling between the two graphene QDs
is very weak and the two graphene QDs can be regarded
as two isolated QDs. Because of the similar sizes of the
two QDs, they exhibit almost identical quasibound states,
as shown in Fig. 4(f), and the energy separations between
the quasibound states are almost the same. Outside the QDs,
interference features of the massless Dirac fermions can be
clearly identified. By decreasing the distance, the averaged
energy separation between the quasibound states of the two
QDs decreases slightly due to the slight overlapping of their
electrostatic potentials (consequently, the effective confined
size of the quasibound states increases). When the distance
is decreased to �D ≈ 30 nm, as shown in Fig. 4(j), the qua-
sibound states of the two QDs are strongly hybridized, and
they become delocalized over both QDs. Such a process with
custom-designed coupling reveals a process in the formation
of coupled QDs with decreasing the distance between the two
QDs.

III. CONCLUSIONS

In summary, we report a universal method in patterning
of TMD islands with nanometer-precision, tunable sizes and
sites at the interfaces of graphene/TMD heterostructures. The
reported method helps us to realize a wide variety of high-
quality mixed-dimensional heterostructures, which opens an
avenue to fully engineer the electronic structure of the het-
erostructures and can help us to realize custom-designed
artificial model systems.
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FIG. 4. (a)–(e) STM images of two graphene/WSe2 heterostructure QDs with different distances �D. By moving the STM tip in a
specified direction, the interfacial WSe2 islands can be brought closer together. (f)–(j) Spectroscopic maps measured crossing the centers of the
graphene/WSe2 heterostructure QDs. Here, g = dI/dV reflects the local density of states around the QDs. The negative second derivative of
dI/dV is used to enhance the visibility of the peak positions. The black solid dots indicate the quasibound states via the WGMs confinement. At
�D ≈ 80 nm, the quantum dots behave as nearly isolated entities with minimal coupling. As the distance decreases to 30 nm < �D � 56 nm,
overlapping electrostatic potentials enhance Coulomb interaction, leading to anticrossing behavior where one QD’s states are lifted and the
other’s are lowered. At �D ≈ 30 nm, the quasibound states hybridize into bonding and antibonding orbitals, becoming delocalized across both
QDs, reducing Coulomb interaction.
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