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Strain-Modulated Ferromagnetism at an Intrinsic van der
Waals Heterojunction

Ryuji Fujita, Gautam Gurung, Mohamad-Assaad Mawass, Alevtina Smekhova,
Florian Kronast, Alexander Kang-Jun Toh, Anjan Soumyanarayanan, Pin Ho,
Angadjit Singh, Emily Heppell, Dirk Backes, Francesco Maccherozzi, Kenji Watanabe,
Takashi Taniguchi, Daniel A. Mayoh, Geetha Balakrishnan, Gerrit van der Laan,
and Thorsten Hesjedal*

The van der Waals interaction enables atomically thin layers of exfoliated 2D
materials to be interfaced in heterostructures with relaxed epitaxy conditions,
however, the ability to exfoliate and freely stack layers without any strain or
structural modification is by no means ubiquitous. In this work, the
piezoelectricity of the exfoliated van der Waals piezoelectric 𝜶-In2Se3 is
utilized to modify the magnetic properties of exfoliated Fe3GeTe2, a van der
Waals ferromagnet, resulting in increased domain wall density, reductions in
the transition temperature ranging from 5 to 20 K, and an increase in the
magnetic coercivity. Structural modifications at the atomic level are
corroborated by a comparison to a graphite/𝜶-In2Se3 heterostructure, for
which a decrease in the Tuinstra-Koenig ratio is found. Magnetostrictive
ferromagnetic domains are also observed, which may contribute to the
enhanced magnetic coercivity. Density functional theory calculations and
atomistic spin dynamic simulations show that the Fe3GeTe2 layer is
compressively strained by 0.4%, reducing the exchange stiffness and
magnetic anisotropy. The incorporation of 𝜶-In2Se3 may be a general strategy
to electrostatically strain interfaces within the paradigm of hexagonal boron
nitride-encapsulated heterostructures, for which the atomic flatness is both
an intrinsic property and paramount requirement for 2D van der
Waals heterojunctions.
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1. Introduction

Bulk magnetic van der Waals (vdW) mate-
rials can be cleaved down to atomically thin
2D sheets, which often display emergent
magnetic behavior such as layer-dependent
(anti)ferromagnetism[1] and magnetic
skyrmions.[2] More generally, the 2D prop-
erties in the atomically thin limit manifest
due to reduced out-of-plane (OOP) ex-
change interaction J⊥,[3] changes in the lat-
tice symmetry,[4] or interfacial coupling.[5]

Although J⊥ can be readily tuned via
the thickness,[6] the modification of the
in-plane (IP) exchange interaction, J∥, is
more challenging, but would allow for
the study of emergent magnetic ground
states, such as the Kitaev spin liquid in
strained monolayer CrSiTe3.[7] Strain en-
hancement of technologically relevant
parameters including magnetic coer-
civity (Hc) and the Curie temperature
(TC) in VI3

[8] and Fe3GeTe2
[9,10] have

already been experimentally demonstrated.
Epitaxy plays a limited role in mechan-

ically exfoliated 2D materials due to the
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weak vdW interaction and the chalcogen termination of the vdW
lattice along the c axis, meaning that atomically thin layers of
vdW materials can be sequentially stacked on top of one an-
other, and at varying twist angles.[11] In such atomically sharp
vdW heterostructures, optoelectronic mechanisms,[12] spin-orbit
interaction,[13] or moiré lattices[14] can be found at the inter-
face. An outstanding question is whether it is still possible to
induce strain within the confines of an atomically flat environ-
ment, afforded by hexagonal boron nitride (hBN) encapsulation.
Although it may seem natural to assume that any arbitrary com-
bination of vdW materials forms an atomically smooth hetero-
junction free of strain-induced structural distortions, exceptions
exist.[15,16] In 2D moiré heterostructures synthesized with the
“tear and stack” method,[17] strain fields form, which are com-
mensurate with the moiré periodicity.[18–20] In this regard, the
class of vdW piezoelectrics may offer methods of intrinsically
straining vdW heterojunctions in-situ, without the need to apply
external mechanical strain.

The vdW piezoelectric 𝛼-In2Se3 crystallizes in the R3m
structure,[21] and has an IP lattice constant a of 4.026 Å.[22] The
piezoelectricity consists of domains with both IP and OOP po-
larizations at room temperature. Notably, such piezoelectric po-
larization is retained down to the monolayer.[23] The hysteretic
conductance resulting from the electric polarization in 𝛼-In2Se3
has been utilized to create ferroelectric field-effect transistors
with a large on-off ratio, for which the 𝛼-In2Se3 layer simultane-
ously acts as the gate-oxide and channel material.[24] In an earlier
study of Fe3GeTe2 on 𝛼-In2Se3

[10] the reduction of the coerciv-
ity of Fe3GeTe2 was observed in magneto-optical Kerr effect ex-
periments. A bias voltage had to be continuously applied, which
was ascribed to the presence of an interfacial polymer layer. The
multifunctional properties of 𝛼-In2Se3 make it a strong candi-
date material for in-memory computing applications that over-
come the von Neumann bottleneck.[25] These properties of 𝛼-
In2Se3 may also be useful in functionalizing other atomically thin
vdW materials, including 2D magnets, by inducing an interfacial
Dzyaloshinskii–Moriya interaction that can result in the emer-
gence of magnetic skyrmions.[26]

In this work, we report the strain-induced modification of
magnetic properties at a heterojunction between 𝛼-In2Se3 and
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the prototypical vdW ferromagnet Fe3GeTe2. An increased do-
main wall density and reductions in TC point to a decrease in
the exchange stiffness A. Density functional theory (DFT) calcu-
lations and atomistic spin dynamics simulations show that for
Fe3GeTe2, a compressive strain of 0.4% is consistent with a re-
duction of exchange stiffness A and uniaxial anisotropy Ku, cor-
responding to a decrease of 20 K in TC. Enhancement of Hc
suggests strain-induced magnetostriction to affect the ferromag-
netic hysteresis within the heterojunction. Modifications in the
lattice structure at atomic length scales are further corroborated
by comparison to a graphite/𝛼-In2Se3 heterostructure. Specifi-
cally, a reduction in the Tuinstra-Koenig relation, I(D)/I(G), in
which I(D) and I(G) are the respective Raman peak intensities,
is observed. For the Fe3GeTe2/𝛼-In2Se3 heterojunction, magne-
tostrictive domain patterns with preferential orientations show
ferromagnetism which is modulated by the polarization of the
piezoelectric domains. These findings demonstrate that the in-
corporation of 𝛼-In2Se3 in vdW heterostructures may provide a
general approach to electrostatically strain vdW interfaces within
the confines of an atomically flat environment afforded by hBN
encapsulation, thereby enabling the further study of the intrin-
sic properties of 2D magnets, graphene-based moiré systems and
other air-sensitive transition-metal dichalcogenides (TMDs) and
halides as a function of strain.

2. Results and Discussion

Fe3GeTe2 is a prototypical vdW magnet with a relatively high bulk
TC of 220 K which is stabilized by a large perpendicular mag-
netic anisotropy (PMA).[3] In bulk Fe3GeTe2, meander-style do-
mains form as a result of the PMA and dipolar interaction.[3]

In the atomically thin limit, monodomains become energetically
favorable due to the large PMA. This work utilizes a Fe3GeTe2
flake of thickness 9 nm (Figure S3, Supporting Information),
which is characterized by the meander domains described above
(Figure 1).

At the Fe3GeTe2/𝛼-In2Se3 heterojunction, the size of the mag-
netic domains decreases, and the domain wall density increases
(Figure 1). As a first approximation, this size change commonly
indicates a change in the stray field energy, which is proportional
to J2

S, in which JS is the saturation magnetization.[27] Among the
FexGeTe2 (x = 3, 4, 5) class of high-TC itinerant vdW magnets,
the saturation magnetization varies from 1.4[28] to 1.9 𝜇B/Fe.[29]

A large increase in JS should result in a larger magnetic contrast
within the heterojunction, i.e., a larger X-ray magnetic circular
dichroism (XMCD) signal. However, there is no discernible dif-
ference between the amplitude of line profiles of the XMCD from
the Fe3GeTe2/𝛼-In2Se3 heterojunction and from the Fe3GeTe2 ho-
mojunction in Figure 1, revealing that JS for this large-PMA mate-
rial is likely homogeneous (Figure S5, Supporting Information).
This may be due to the low measurement temperature of 50 K,
which is significantly below TC,[3] resulting in a non-varying mag-
netization m. The fact that there is no difference in XMCD be-
tween the Fe3GeTe2 homojunction and the Fe3GeTe2/𝛼-In2Se3
heterojunction demonstrates that if there is a change in JS at the
heterojunction at 50 K, it has to be below the detection threshold
of X-ray photoemission electron microscopy (XPEEM).

Alternatively, the change in size of the magnetic domains can
also originate from a reduction in A. For uniaxial materials, the
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Figure 1. Interfacial coupling between the vdW ferromagnet Fe3GeTe2 and vdW piezoelectric 𝛼-In2Se3. a) Cross-sectional schematic of the hBN-
encapsulated heterojunction showing strain and electric polarization p in the 𝛼-In2Se3 layer. A graphite electrode provides a conductive pathway between
the sample and XPEEM sample holder. b) XPEEM image of the Fe3GeTe2 homojunction and the Fe3GeTe2/𝛼-In2Se3 heterojunction obtained at 50 K
(shaded in pale blue). Field of view = 15 μm.

domain wall energy, 𝛾 , is proportional to
√

AKu.[27] For reduced
A, it is energetically less costly to form domain walls within the
Fe3GeTe2/𝛼-In2Se3 heterojunction, resulting in an increase in the
number of domains per unit area. The lack of any intermediate
contrast in Figure 1 demonstrates that the heterojunction retains
a large Ku comparable to A, although a slight reduction in Ku
has been found in Fe5GeTe2, and can therefore not be completely

ruled out.[30] Therefore, the change in the ferromagnetic domain
structure could be due to a reduction of the magnetic anisotropy
energy, which has been realized in strain-tuned[9] and ionically
gated Fe3GeTe2.[31]

For reduced exchange stiffness A, a reduction in TC,
which is proportional to A,[27] should also occur. Figure 2
shows the XMCD of the homojunction and heterojunction at

Figure 2. Reduction of the ferromagnetic TC in a Fe3GeTe2/𝛼-In2Se3 heterojunction (shaded in pale blue). XPEEM images of ferromagnetic domains in
the Fe3GeTe2 homojunction and the Fe3GeTe2/𝛼-In2Se3 heterojunction collected at a) 145 K, b) 170 K, c) 175 K, d) 177.5 K, e) 180 K, and f) 190 K. At
177.5 K, the magnetic contrast (encircled by the blue line) is modulated by geometric features shown by the green arrows. Field of view = 15 μm.

Adv. Funct. Mater. 2024, 34, 2400552 2400552 (3 of 9) © 2024 The Authors. Advanced Functional Materials published by Wiley-VCH GmbH
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Figure 3. DFT calculations of K and J and estimated TC for varying strain ϵ. a) Illustration of Fe1 and Fe2 sites and the respective exchange interactions
J11 and J12 for monolayer Fe3GeTe2. Exchange interactions among nearest neighbors are considered for r = 4.80 Å. b) The uniaxial anisotropy constant
K and the effective exchange coupling at the Fe1 site, J =

∑
a ZaJa

ij ,
[34] are shown for varying strain ϵ. c) TC as a function of varying strain ϵ. A linear fit of

the data show that for a decrease of 20 K in TC, from 95 to 75 K, the unit cell is compressively strained by ɛ = −0.4%.

temperatures ranging from 145 and 190 K. At 145 K, magnetic
domains are present in both the homojunction and the hetero-
junction, while at 170 K, a small area within the heterojunction
(encircled by the white dashed line) appears to be no longer mag-
netic (Figure 2b). This non-magnetic region expands to a larger
area at 175 K (Figure 2c). At 177.5 K, the magnetic contrast is
further reduced within the heterojunction (Figure 2d). At 190 K,
the magnetic contrast within the homojunction is barely visible
(Figure 2f), meaning that the TC decreases by up to ≈20 K.

Notably, at 177.5 K (Figure 2d), the area encircled by the blue
line, which lies within the heterojunction, remains magnetic and
has geometric features resembling a threefold symmetry remi-
niscent of the R3m space group of 𝛼-In2Se3.[23] Presumably, the
TC of the Fe3GeTe2 within the heterojunction is affected by the
varying polarizations of the piezoelectric domains of the under-
lying 𝛼-In2Se3.

The effective exchange coupling (J) and Ku of monolayer
Fe3GeTe2 are calculated using density functional theory (DFT).
Using these parameters in atomistic spin dynamics, Curie tem-
peratures are estimated for monolayer Fe3GeTe2 with varying lat-
tice constant a (Figure 3). Specifically, a decrease of 20 K in TC
corresponds to a compressive strain ϵ = −0.4% relative to the IP
lattice parameter a0 = 4.01 Å.[32] This is consistent with pressure-
induced compression of powdered Fe3GeTe2, for which a com-
pressive strain ɛ = −0.5%. induces a similar change in TC of
≈20 K.[33]

The coupling between 𝛼-In2Se3 and Fe3GeTe2 also enhances
Hc. Field-induced domain reversal is observed only for the ho-
mojunction. Upon application of a field pulse HOOP = +88 mT,
the heterojunction retains its initial saturation magnetization,
which was formed by cooling the sample in a field HOOP =
−13.2 mT across TC (Figure 4). As a first approximation, con-
sideration of the Stoner-Wohlfarth model,[35] in which Hc is pro-
portional to Ku, suggests an increase in the uniaxial anisotropy
within the heterojunction.[9,36] However, an enhanced Ku con-
tradicts the large density of domain walls in the virgin state

(Figures 1 and 2), with energy 𝛾 ∝
√

AKu, for which an enhance-
ment of Ku is energetically costly within the heterojunction. Fur-
thermore, an enhanced uniaxial anisotropy would also likely en-
hance TC in this material,[31] which is contrary to the results pre-
sented in Figure 2. In other words, the enhancement of Hc within
the heterojunction is unlikely to originate from increased Ku,
and is likely to be at least partially governed by extrinsic mecha-
nisms, including strain-induced domain wall pinning[37] or mag-
netostriction effects.[36]

Strain within the Fe3GeTe2/𝛼-In2Se3 heterojunction is char-
acterized by comparison to Raman spectroscopy measurements
of an 𝛼-In2Se3/graphite reference heterostructure. In particu-
lar, the Tuinstra-Koenig ratio, 1/La∝I(D)/I(G), where I(D) and
I(G) are the intensities of the respective D and G Raman peaks
and La is the crystallite size, is a measure of the amount of
disorder.[38] Such disorder can originate from point-like de-
fects, including vacancies induced by ion bombardment[39,40]

and dislocations,[41] or grain boundaries in nanocrystalline
graphite.[38] The chances of a chalcogen occupying a va-
cancy in the graphite lattice and contributing to Raman scat-
tering are extremely unlikely due to negligible vdW diffu-
sion. Therefore, we consider the role of dislocations and the
grain boundaries of graphene crystallites, rather than vacan-
cies.

In detail, the Raman spectra of the graphite (Figure S6, Sup-
porting Information) include the 2D, G, and D peaks, indi-
cating the presence of finite disorder. The lack of a D′ peak,
peak attenuation, or broadening[40] indicate that the degree of
disorder is somewhere in between that of graphite and nanocrys-
talline graphite, for which the Tuinstra-Koenig ratio is valid.[42]

Figure 5a shows a reduction in I(D)/I(G) within the graphite/𝛼-
In2Se3 interface. As mentioned above, the disorder is likely
due to dislocations or grain boundaries between crystallites,
rather than vacancies, suggesting the migration of dislocations[41]

or grain boundaries[43,44] in response to a compressive strain
induced by the 𝛼-In2Se3 at the interface. There also seems to

Adv. Funct. Mater. 2024, 34, 2400552 2400552 (4 of 9) © 2024 The Authors. Advanced Functional Materials published by Wiley-VCH GmbH
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Figure 4. Enhanced magnetic coercivity Hc of the Fe3GeTe2/𝛼-In2Se3 heterojunction at 50 K. a) The magnetic state is initialized by field-cooling the
sample from 300 to 50 K in a field HOOP = −13.2 mT. At 50 K, a field HOOP = +88 mT of opposite polarity is applied, resulting in a partially field-reversed
state. XPEEM images of the initial state and partially field-reversed state are shown in b, c), respectively. The magnetization directions (up, down) are
depicted by the (red, blue) arrows. The Fe3GeTe2 homojunction and the Fe3GeTe2/𝛼-In2Se3 heterojunction are demarcated by the blue dashed line. Field
of view = 15 μm.

be a marginal enhancement of I(D)/I(G) at the tip of the 𝛼-
In2Se3 flake (Figure 5a). The AFM measurement (Figure S8b,
Supporting Information) shows variations of the 𝛼-In2Se3 thick-
ness, which may result in piezoelectric domains with varying po-
larization. We note that there are no frequency shifts or peak
splittings of the G or 2D modes (Figure S6, Supporting Infor-
mation), which have been observed for mechanically strained
graphene films on flexible substrates.[45,46] We attribute this to
sample-dependent piezoelectric polarization of 𝛼-In2Se3 and su-
perlubricity of incommensurately stacked graphene.[47,48]

Raman measurements of a separate Fe3GeTe2/𝛼-In2Se3 het-
erojunction sample show a blueshift of the E2

g mode by 𝜔1 = 3.5
cm−1 and a redshift of the A1

g mode by 𝜔2 = 9.2 cm−1 (Figure 5d;
Table S1, Supporting Information).[49] The A1

g and E2
g modes

shift in opposite directions, respectively, compared to the Raman
shifts observed in Fe3GeTe2 subject to compressive pressure,[33]

indicating a tensile strain within this sample. Direct compari-
son to Raman spectroscopy measurements of strained MoS2

[50]

and WS2
[51] implies a remarkably large tensile strain of 2–3%

(Table S2, Supporting Information). We leave the characteriza-
tion of interfacial strain within TMD/𝛼-In2Se3 heterointerfaces
as a topic of future study. Rashba-type spin-orbit splitting has
been observed at vdW interfaces with high carrier mobilities,[52,53]

and could also be envisioned to affect the ferromagnetic domain
structure at the Fe3GeTe2/𝛼-In2Se3 interface.[2,54]

It is necessary to consider the characteristic length of the
piezoelectric domains in 𝛼-In2Se3. Piezoresponse force mi-
croscopy (PFM) imaging of 𝛼-In2Se3 show piezoelectric domains
which are 5–15 μm in length (Figure 5b). These share a common
length scale with the geometric features modulating the ferro-
magnetic domain structure at 177.5 K (Figure 2b), which are
also on the order of several μm, while the piezoelectric domain
walls in 𝛼-In2Se3 are much too narrow[55] to account for the size
of the magnetic modulations.

In general, strain can induce magnetostriction in ferromag-
nets. When coupled to the piezoelectric 𝛼-In2Se3, the mag-
netic domains in Fe3GeTe2 (Figure 5c) have preferential ori-
entations (Figure 5d), which manifest due to the preferential
domain alignment stemming from the R3m space group of

𝛼-In2Se3. For a material with large PMA and significant mag-
netostriction constant,[56] the preferential alignment of OOP do-
mains in response to an IP strain as seen in Figure 5c may be due
to a small IP magnetization induced by the stress anisotropy.

The preferential alignment of piezoelectric domains in 𝛼-
In2Se3 is also visible in the PFM data. For the hypothetical case
where the piezoelectric domains are fully polarized IP, the do-
main polarization should exhibit a three-fold symmetry consis-
tent with the R3m space group. The OOP PFM phase shift re-
sponse shown in Figure 5b is only ≈40° (Figure S11, Support-
ing Information), opposed to a 180° phase shift found for op-
positely polarized domains, suggesting the simultaneous exis-
tence of IP and OOP components,[23,57,58] meaning that the pref-
erential alignment of piezoelectric (Figure 5b) and ferromagnetic
(Figure 5c) domains originate from a finite IP piezoelectric com-
ponent. Contrarily, the OOP piezoelectric component observed
in 𝛼-In2Se3 would likely have a negligible effect on the ferromag-
netic domains in Fe3GeTe2, especially in the case of the 2H phase
of 𝛼-In2Se3, for which an even-odd thickness dependence of the
d33 piezoelectric component has been reported.[59]

Such magnetostriction of domains is well-documented for
crystalline ferromagnets, for which the magnetic domain walls
are commensurate with grain boundaries between neighbor-
ing stress states.[60–62] The magnetostriction observed in the
present case (Figure 5c) is distinct from that observed in crys-
talline ferromagnets, for which the induced stress anisotropy Ks
= 3/2 𝜆s𝜎, where 𝜆s is the magnetostriction constant and 𝜎 is
the applied stress,[27] is on the order of the magnetocrystalline
anisotropy.[60,63] Here, Ks is much weaker than the intrinsically
strong uniaxial anisotropy Ku of Fe3GeTe2, as no full OOP-to-IP
spin reorientation transition is observed.

Nevertheless, a small IP magnetization component might be
present within the heterojunction. By obtaining the XMCD sig-
nal for 0° and 90° azimuths, IP component of the magnetization
can be derived.[30] In detail, for domains that are fully magne-
tized OOP, the XMCD with respect to azimuthal angle is con-
stant, while for domains which are magnetized IP, the XMCD
should sinusoidally vary with the azimuthal angle. We observe
a pronounced azimuthal dependence of the XMCD within the

Adv. Funct. Mater. 2024, 34, 2400552 2400552 (5 of 9) © 2024 The Authors. Advanced Functional Materials published by Wiley-VCH GmbH
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Figure 5. Interfacial strain within 𝛼-In2Se3 heterojunctions. a) Plot of I(D)/I(G) of a graphite/𝛼-In2Se3 heterostructure obtained at 300 K. There is a
significant reduction of I(D)/I(G) for the left part of the 𝛼-In2Se3 flake, while a slight enhancement of I(D)/I(G) is visible at the tip. The inset shows an
optical micrograph with the 𝛼-In2Se3 flake is indicated by the dashed black line. Scale bar = 5 μm. b) PFM phase response of a 𝛼-In2Se3 flake taken at
300 K. The thickness of the 𝛼-In2Se3 flake varies between 60 and 140 nm. Preferential directions of piezoelectric domains are indicated by green arrows.
Scale bar = 5 μm. c) XPEEM image of magnetostrictive domains (indicated by green arrows) in Fe3GeTe2/𝛼-In2Se3 taken at 100 K. The heterojunction in
shaded in pale blue. Field of view= 17.5 μm and scale bar= 5 μm. d) Raman spectra of a Fe3GeTe2 homojunction and a Fe3GeTe2/𝛼-In2Se3 heterojunction.
The Fe3GeTe2 A1

g mode blueshifts by Δ𝜔1 = +3.5 cm−1 and the combined A1
g + E2

g mode redshifts by Δ𝜔2 = −9.2 cm−1.

heterojunction (Figure S13, Supporting Information). However,
the small domain width and the presence of astigmatism in the
XMCD images obfuscates a definitive conclusion regarding the
presence of IP magnetization.

Compared to epitaxially grown heterostructures[16] and crys-
talline thin films,[63] the limited IP magnetization component
may reflect the intrinsically weak mechanical coupling at the vdW
heterojunction. Nevertheless, the previously derived compressive
strain of 0.4% can still result in a coefficient Ks = 0.38 meV/Fe
atom along the stress axis (see Supporting Information), where
𝜆s = −559 × 10−6.[56] This is less, but within the same order of

magnitude as Ku = 0.844 meV/Fe atom, and is large enough to
cause a decrease in the total magnetic anisotropy energy for com-
pressive strains.[56] A magnetostriction-induced deviation of the
easy axis of Fe3GeTe2 would align magnetic domains along lower-
anisotropy directions, and would also increase Hc, as previously
demonstrated in Figure 4b.

3. Conclusion

The strain-tuning of magnetic properties, including TC, the mag-
netic anisotropy, and the exchange parameters, can enable the

Adv. Funct. Mater. 2024, 34, 2400552 2400552 (6 of 9) © 2024 The Authors. Advanced Functional Materials published by Wiley-VCH GmbH
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formation of emergent magnetic ground states in atomically thin
magnets. We demonstrate strain-induced modulation of ferro-
magnetism at a vdW heterojunction consisting of Fe3GeTe2 and
𝛼-In2Se3 within the confines of an atomically smooth environ-
ment provided by encapsulation between thin layers of hBN. In
summary, we observe a decrease in TC of about 20 K correspond-
ing to a compressive strain of 0.4%, and strain-induced magne-
tostriction which induces preferential alignment of magnetic do-
mains and a larger coercive field Hc. We expect our results to en-
able the study of strain-dependent intrinsic properties of other 2D
atomically abrupt heterostructures, including hBN-encapsulated
TMDs and graphene-based moiré heterostructures.

4. Experimental Section
Bulk Crystal Growth and Characterization: Fe3GeTe2 and 𝛼-In2Se3 crys-

tals were grown by the chemical vapor transport technique using iodine
as the transport agent, yielding single crystalline hexagonal platelets of ap-
proximately 3 × 3 mm2 in case of Fe3GeTe2

[32] and 2 × 2 mm2 sized hexag-
onal silvery-blue platelets in case of 𝛼-In2Se3.[22] The crystals were charac-
terized by x-ray diffraction (XRD) using a Panalytical X-Pert Pro MPD Kα1
and by energy-dispersive x-ray spectroscopy (EDX) using a Zeiss SUPRA
55-VP FEGSEM.

X-ray diffraction patterns were obtained on single crystals mounted with
the ab plane parallel to the x-ray beam. When the scattering angle was zero,
only the (00l) reflections should be observed in this geometry. Figure S1
(Supporting Information) shows the diffraction pattern obtained exhibit-
ing reflections typical of the 𝛼-In2Se3 structure. Compositional analysis of
the crystals obtained was carried out using EDX analysis. The composition
of the single crystals was estimated to be In1.96(5)Se3.04(5).

Mechanical Exfoliation: Bulk 𝛼-In2Se3, Fe3GeTe2, graphite and hexag-
onal boron nitride (hBN) crystals were mechanically exfoliated in an inert
Ar-filled glovebox with O2 and H2O concentrations below 1 ppm. Thin
flakes were identified by optical microscopy, and were stacked layer-by-
layer with a polydimethylsiloxane (PDMS)-assisted transfer over a conduc-
tive Au-coated silicon oxide substrate (Figure S2, Supporting Information).

Magnetic Domain Imaging with XPEEM: X-ray photoemission electron
microscopy (XPEEM) measurements were conducted at the UE49/PGMa
beamlime at BESSY II (Helmholtz-Zentrum Berlin)[64] and at beamline
I06 at Diamond Light Source. Real-space X-ray absorption (XAS) and X-
ray magnetic circular dichroism (XMCD) measurements at the Fe L3 edge
(706.2 eV) were performed from 50-200 K. The fixed angle of incidence
of the incoming X-rays with respect to the sample surface was 16°, which
means that 28% of the sample’s out-of-plane magnetization component
was projected along the X-ray propagation direction.[65] The XMCD asym-
metry was defined as (𝜎− − 𝜎+)/(𝜎− + 𝜎+), where 𝜎− and 𝜎+ are the
XAS signals at the maximum taken with left and right circularly polarized
X-rays, respectively.

Raman Microscopy of Fe3GeTe2, 𝛼-In2Se3, and Graphite: hBN-
encapsulated Fe3GeTe2, 𝛼-In2Se3, and graphite flakes were characterized
with Raman spectroscopy at room temperature. The data were collected
using an objective lens with 100x magnification. The laser wavelength
was &lambda; = 473 nm. The laser power was limited to 3.5 mW to limit
laser-induced damage of the sample. The accumulation time was 120 s.

Characterization of Piezoelectricity in 𝛼-In2Se3 with PFM: Instrumenta-
tion and Setup: Single frequency vertical piezoresponse force microscopy
(PFM) measurements were performed on an exfoliated α-In2Se3 (75-
125 nm)/hBN (10 nm) flake placed on p-Si/h-N (17 nm) substrate using
a scanning probe microscope within a variable temperature cryostat (At-
tocube systems). The employed Pt-Ir conductive tip (Nanosensors) had a
radius of curvature<25 nm, spring constant of ≈3.6 Nm−1, and resonance
frequency of 67.2 kHz. PFM measurements were performed at tempera-
tures of 50 and 294 K with a stability of <20 mK.

Characterization of Piezoelectricity in 𝛼-In2Se3 with PFM: Measurement
Procedures: First, the flake of interest was located via contact mode AFM

imaging. Next, an ac drive voltage of Vpp = 10 V was applied to the tip
while in contact with the sample surface to excite piezoresponse at an
off-resonance frequency of 80 kHz (contact resonance ≈335 kHz). Off-
resonance PFM was used to minimize topography cross-talk.[66–68] The
amplitude and phase-shift of the tip-sample excitation, corresponding to
the PFM signal, were detected using a lock-in amplifier. PFM images were
acquired at each imaging temperature over a 20 μm region with 256 sam-
pling points.

DFT Calculations of KU, J, TC and Lattice Parameter a: First-principles
density functional theory (DFT) calculations with fully relativistic PAW
pseudopotentials were performed with Quantum ESPRESSO.[69] The ex-
change and correlation effects were treated within the local density approx-
imation (LDA).[70] LDA+U calculations overestimate the magnetic mo-
ments of Fe,[56] as shown in Section S13 (Supporting Information). The
DFT calculations were carried out without considering U parameters. The
plane-wave cut-off energy of 70 Ry and a 18 × 18 × 1 k-point mesh in the ir-
reducible Brillouin zone were used in the calculations. Spin-orbit coupling
was included in all electronic structure calculations.

The tight-binding Hamiltonians were constructed using Wannier90[71]

and then, TB2J[72] was used to calculate the exchange parameters consid-
ering nearest neighbors within 4.80 Å. Anisotropic exchange parameters
were also considered, as implemented in TB2J for spin-orbit coupling in-
teractions.

The Curie temperature was calculated by using atomistic spin dynamics
as implemented in Vampire with Monte Carlo simulations.[73]

Supporting Information
Supporting Information is available from the Wiley Online Library or from
the author.
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