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ABSTRACT: Topological Hall effect (THE) has been used as a ocr
powerful tool to unlock spin chirality in novel magnetic materials. h
Recent focus has been widely paid to THE and possible chiral spin Q °®
textures in two-dimensional (2D) layered magnetic materials. However,
the room-temperature THE has been barely reported in 2D materials,
which hinders its practical applications in 2D spintronics. In this paper,
we report a possible THE signal featuring antisymmetric peaks in a wide
temperature window up to 320 K in Cr;,Te, a new quasi-2D
ferromagnetic material. The temperature, thickness, and magnetic field
dependences of the THE lead to potential spin chirality origin that is
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associated with the spin canting under external magnetic fields. Our
work holds promise for practical applications in future chiral spin-based vdW spintronic devices.

KEYWORDS: topological Hall effect, spin chirality, room-temperature ferromagnet, layered structure, spintronics

pin chirality possessing novel topological textures in real

space (for example, skyrmions and skyrmion bubbles)' ™
have attracted intensive research interest due to their
promising spintronics applications.'”'" A scheme to electrically
detect the spin chirality is a crucial issue in those applications.
Understanding electron transport coupled with chiral magnet-
ism is a fundamental subject in condensed matter physics.
Transport signature indeed provides a powerful tool to detect
spin chirality.'”'"> When an electron moves through the
system, in real space, the spin chirality can endow the electron
with a phase factor, and result in an additional transverse
voltage in anomalous Hall effect, dubbed topological Hall
effect (THE).'*™'® The antisymmetric spike observed in the
anomalous Hall resistivity at low external magnetic field has
been considered as the hallmark of THE. Because of its
dependence on spin chiralityy THE is considered to be
instrumental in the electric detection of chiral spin
textures.' "'

The topological Hall eftect has been widely reported in
chiral B20 magnets, such as MnSi,"” MnGe,*° double-exchange
ferromagnet Cr0,,*" the kagome magnet Fe,Sn,,” the
heterostructure of TmlG/Pt,'> the frustrated magnet
Nd,Mo,0, with a pyrochlore lattice,”® and PdCrO, with a
triangular lattice.”* Tt has also been discovered in achiral
itinerant magnets with competing spin interactions.'®**
Recently, the THE has been reported in two-dimensional
(2D) ferromagnetic materials, such as chiral skyrmion induced
THE in Fe;GeTe,.”* *" Such findings open the door to the
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fundamental study of chiral spin textures in 2D magnets and
their potential device applications. However, room-temper-
ature THE in 2D layered materials has barely been reported,
which hinders the practical applications in future 2D
spintronics. In this paper, we report a pronounced topological
Hall effect within a large temperature window up to 320 Kin a
quai-2D ferromagnet of Cr-intercalated CrTe, (Cr;,Te,).
Cr,,Te, was synthesized by an oxidation process of KCrTe,
with iodine in acetonitrile (details in Methods). Figure la
demonstrates the self-intercalation of Cr atoms into the
structure of CrTe,. Figure 1b,c shows that the additional Cr
atoms fill the van der Waals gaps with fractional site
occupations between the CrTe, layers, forming the structure
of Cr;,Te,. The chemical content of the as-synthesized
Cr;,Te, was quantified to be a mole ratio of 1.2:2 by
inductively coupled plasma-atomic emission spectrometry
(Table S2, Supporting Information). X-ray diffraction charac-
terization (Figure 1d) reveals that the as-synthesized Cr,,Te,
has the same crystal structure as CrTe,, containing the space
group P3ml and exhibiting a crystal structure distinguished
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Figure 1. (a) Schematic illustration of Cr,,Te, structure formation by intercalating Cr atoms into van der Waals gaps of CrTe,. Cr fractional
occupation in purple color. Atomic structure of Cr;,Te, in top (b) and side (c) views. (d) Powder X-ray diffraction results for Cr;,Te, and CrTe,,
showing identical XRD patterns. Simulation of Cr,,Te, XRD in blue curve. Inset: Optical image of as-synthesized Cr,,Te, crystal. (¢) HRSTEM
image of as-synthesized Cr,,Te, and its corresponding simulated HRSTEM in (f). (g) Optical picture of S9 nm thick Cr,,Te,-based Hall bar
device encapsulated by a layer of h-BN. (h) Raw data of Hall resistivity Pay) under the external field almost parallel to the probe current and p,,,

under H||c at 300 K.

from other reported telluride compounds (Figure SI,
Supporting Information) such as Cr,Te;, Cr;Te, Cr;Tes,
Cr,Te;, and CrsTeg.”” > The high-resolution scanning
transmission electron microscopy (HRSTEM) image of the
as-synthesized Cr;,Te, (Figure le) and its corresponding
simulation (Figure 1f) further confirm that the crystal structure
duplicates that of the reported CrTe,.*

The M—T curves (Figure S2a, Supporting Information)
show a Curie temperature of ~320 K in as-synthesized
Cr,,Te,. The M—H curve (Figure S2b, Supporting Informa-
tion) reveals a perpendicular magnetic anisotropy (PMA) in
the Cr;,Te, at 300 K in contrast to easy-plane anisotropy in
CrTe,,*”** with a saturation magnetic moment of ~0.94 ug/Cr
atom at 300 K. Our calculated effective magnetic anisotropy
K¢ with a value of 7.4 X 10* J/m> > 0, further confirms the
perpendicular magnetic anisotropy in Cr,,Te, at 300 K (Note
S1, Supporting Information). The small coercivity of ~20 Oe
indicates a soft ferromagnet of as-synthesized Cr,,Te, (Figure
S2b, Supporting Information). At low temperatures, the as-
grown Cr;,Te, exhibits in-plane magnetic anisotropy,
confirmed by the calculated effective magnetic anisotropy of
K. < 0, while the Cr ,Te, magnetization easy axis can be
rotated from in-plane to out-of-plane direction when the
temperature is higher than 140 K (Table S3, Supporting
Information).

The formation process of the Cr;,Te, structure is the same
as that of Cr,,,Te,,”> Cr,,3,Te; 75Se0,5°° and
Cr,;Te, 7sSeg,5°C by a self-intercalation of Cr atoms into the
van der Waals gap of CrTe,, maintaining the same structure as
the host CrTe,. The intercalated Cr atoms in the van der
Waals gap occupy the octahedral vacancies being covalently
bonded with the host of CrTe,”” in which the crystal
dimension is in analogy to quasi-2D materials of Fe,3TaS,**
and Co,/3NbS,.*” The fractional occupation in the van der

Waals gap provides available sites for a different amount of
intercalated Cr atoms. In Cr;,Te,, the vacancy occupancy rate
is ~20% and the average strength of a covalent bond between
the adjacent layers is weaker than intralayer interactions. Thus,
Cr,,Te, can be mechanically exfoliated into thin flakes with a
thickness down to ~S nm (Figure S3, Supporting Informa-
tion).

Fractional stoichiometry in Cr;,Te, leads to disordered
distribution of Cr atoms and random neighboring distances.
Therefore, the Ruderman—Kittel—Kasuya—Yosida (RKKY)
interactions*’~** could play a significant role in spin exchange
in the intercalated layer and competing spin interactions
become possible. This is indeed indicated by our susceptibility
data. Fitting result on the temperature dependence of inverse
magnetic susceptibility by Curie—Weiss law (Figure S2c,
Supporting Information) reveals the transition temperature
from ferromagnetic to paramagnetic phase is 308 K lower than
the Curie temperature of 320 K, supporting the presence of
competin% interactions in this material. It has been reported in
Gd,PdSi;® and Gd;Ru,Al,” that competing RKKY inter-
action in triangle lattice can induce the skyrmion lattice as
superposition of three equal lateral spin helices. The RKKY
interaction or other competing interactions may induce the
spin canting in Cr;,Te, crystal. The saturation magnetization
in Cr;,Te, is ~2.25 py/Cr atom at 3 K, which is much smaller
than the expected saturation magnetic moment of 3 uy/Cr
atom calculated from an ionic model* and effective para-
magnetic moment 4—4.5 y/Cr atom.**”*® This discrepancy
confirmed that Cr;,Te, exhibits spin canting.

To reveal the presence of spin chirality, the Hall measure-
ment was employed. Utilizing a dry transfer method, we
fabricated a Hall effect device based on a mechanically
exfoliated Cr;,Te, flake as shown in Figure 1g. When an
external magnetic field is applied parallel to the c-axis, the Hall
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resistivity p,, exhibits nonlinear behavior, which indicates
ferromagnetic order-induced anomalous Hall effect (Note S2,
Supporting Information).””*® When the magnetic field is
almost parallel with the probe current in a—b plane with a
polar angle of 89°, an antisymmetric peak feature is observed
even in the raw data of Hall resistivity p,, (Figure 1h), which
shows a hint of the topological Hall effect. However, in
principle we cannot exclude the reported mechanisms of the
PMA-induced abnormal peak in the angular-dependent Hall
effect”’ regarding the antisymmetric peaks observed in Hall
resistivity.

To further probe the THE behavior in the Hall resistivity,
we rotate the magnetic field from perpendicular to parallel
while probing current in the a—b plane. Figure 2a shows the
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Figure 2. (a) Raw data of Hall resistivity p,, at 300 K under different
field orientation angles 0.,. Inset: 0,, definition. (b) Magnetic field
dependence of MR curves at 300 K with different field-orientation
angles 6,,. () Angular dependence of p,, at 300 K under the different
field strengths 0.1, 0.5, 1, and 3 T. (d) Angular dependence of MR at
300 K under the different field strengths of 0.1, 0.5, 1, and 3 T.

raw data of Hall resistivity p,, at different field-rotation angles
0., between the external magnetic field and the normal of the
sample a—b plane. When @, is higher than 45°, the anomaly in
the Hall resistivity p,, exhibits a cusplike feature with a
maximum value of ~ 10 y€-cm in the low field, indicating an
angular dependence of topological Hall effect. A clear hump
structure is also observed in the magnetoresistance (MR)
curves in Figure 2b at the same field-rotation angle 6, (see
Note S6, Supporting Information for more discussion).

Figure 2c shows the angular dependence of the Hall
resistivity p,, under different magnetic fields. It is interesting
that the Hall resistivity p,, becomes almost a constant at low
fields of 0.1, 0.5, and 1 T when the field orientation is off the
a—>b plane, while p,, follows a cos 0, relation at a higher field
of 3 T (Figure S4, Supporting Information). This anisotropic
Py reflects that the expected additional transverse voltage
contributes to the Hall resistivity by the parallel component of
the low external magnetic field. MR’s angular dependence
shows 2-fold symmetry (peaks at 91.2° and 272°) in Figure 2d
with anisotropy of —1.2% at 3 T.

The temperature dependence of the Hall resistivity shows a
clear difference between magnetic fields applied along the c-
axis and a—b plane. When the magnetic field is parallel to the c-
axis, measurements in Figure 3a show that the antisymmetric
peak feature can be observed at 3 and 10 K. This could be a
result of non-negligible contribution from MR due to the
presence of a spin glass feature, which is supported by the
deviation between field cooling (FC) and zero field cooling
(ZFC) (Figure S2a, Supporting Information). The antisym-
metric peak in anomalous Hall resistivity p,pg vanishes at a
temperature of 30 K when the glass feature is suppressed. In
contrast, under the magnetic field parallel to the probe current
in a—b plane, the antisymmetric peak in Hall resistivity p,, is
absent at low temperature, but gradually emerges at 30 K and
above (Figure 3b) and persists up to 320 K (Figure 3c). As
discussed above, the PMA behavior in Cr,;,Te, only appears
when the temperature is above 140 K (Table S3, Supporting
Information). Therefore, the observed antisymmetric peaks in
Hall resistivity should not be attributed to the simple PMA-
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Figure 3. (a) Magnetic-field dependence of anomalous Hall resistivity p,pg of the Cr;,Te, flake at different temperatures under H]|c. (b,c)
Magnetic field dependence of p,, extracted by [pxj,”(+H) - pxy”(—H)]/ 2 at temperatures from 50 to 320 K under the external field almost parallel
to the probe current. Note that the polar angle of the external field 6,, ~ 89°.
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magnetic field H and temperature T. (c) Maximum values of p/yy as a function of temperature for Cr,,Te, flakes with different thicknesses. (d)
Thickness dependence of maximum values of pryp and the corresponding field H,, at 300 K.

induced abnormal Hall resistivity. The data are well
reproduced in different thickness of Cr;,Te, flakes (Figure
SS, Supporting Information).

Between 30 and 320 K, the spin glass feature almost
vanishes, and furthermore, the peaks are clearly invisible in the
raw data. Figure 3 shows no sign changes in our Cr ,Te,
anomalous Hall resistivity when the temperature is increased
from 3 to 320 K. The angular dependence of M—H
measurement shows isotropic magnetization in the a—b
plane with no different coercive field observed in the loop
(Figure S6, Supporting Information), revealing no specially
separated magnetic regions in our Cr;,Te,. Therefore, we can
exclude the contribution from the opposite-sign anomalous
Hall effect (AHE) of the separated magnetic regions to our
topological Hall resistivity.*’

Because of the equipment limitation, it is hard to precisely
determine the component (M,) of the Cr;,Te, magnetization
(M) along the z-axis direction when we rotate the external
magnetic field. Therefore, we are unable to thoroughly extract
the AHE signal and precisely obtain the THE magnitude pryg.
However, the PMA property in Cr;,Te, provides a chance to
roughly estimate the THE contribution by utilizing M, to
subtract the partial AHE contribution pays (Note S4,
Supporting Information). When the rotated external magnetic
field is below the saturated field, the estimated THE
contribution (pfyg) is slightly larger than the actual THE
prue because of M, < M, causing an underestimation of the
AHE contribution. Figure 4a shows that the magnitude term of
the antisymmetric peak pryg is obtained by subtracting the
partial AHE contribution pjyp from the total Hall resistivity
Py Figure 4b shows the mapping of the extracted pryg as a
function of the external magnetic field and temperature, also
showing the magnetic field dependence of the antisymmetric
peak location in THE. In other Cr;,Te, flakes with different
thicknesses, we also observe the similar topological Hall effect
(Figure S7, Supporting Information). Figure 4c reveals that the
antisymmetric peaks can be obtained at temperatures up to

320 K and exhibits a maximum value of pryp at 260 K,
remaining a relatively large value around T.. Figure 4d shows
the nonmonotonic thickness dependence of pryg in different
Cr;,Te, devices. Although p7yy is the roughly estimated THE
contribution, the temperature and thickness dependence of
Pru still deserve certain attention to reveal the THE evolution
and are consistent with the fact that the skyrmion phase locates
around T in B20 chiral magnet.”"** Thermal ﬂuctuations can
further enhance the THE even at elevated temperatures.” We
thus conclude that the thermal fluctuations may be a major
driving force behind the topological Hall effect in Cr,,Te,.
In summary, we report THE over a large temperature
window up to 320 K in quasi-2D ferromagnet Cr;,Te,. The
thickness, temperature, and field-orientation dependence of the
THE signal reveals the promising appearance of spin chirality.
Because of the vdW structure, the easy cleavage enables us to
explore the thickness dependence of chiral skyrmion phase
transition and the thinner sample enhances the stability of
skyrmion over a wide range of temperature and magnetic field,
facilitating the realization of skyrmion-based devices.

B METHODS
Cr,,Te, and CrTe, Single Crystal Synthesis. The

Cr,,Te, single crystal was prepared by oxidation of
KCr,,Te, with iodine in acetonitrile. The single crystal of
KCr,,Te, was grown by mixing K, Cr, and Te in a glovebox.
Then the mixture was placed in a quartz tube and sealed in
vacuum. Then the mixture was heated up to 900 °C in 24 h
and kept at this temperature for 7 days. After returning to
room temperature and considering KCr, ,Te, was sensitive to
air and water, the growth tube was opened in a glovebox to
avoid degradation. Then as-grown single crystal KCr;,Te, was
then added into solutions of iodine in acetonitrile to remove
the K ions through deintercalation reaction. The product was
washed by acetonitrile several times, then filtered and dried in
vacuum. Finally, we obtained the Cr,,Te,. We also synthesized
the CrTe, single crystal with similar methods. Magnetization
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characterizations of Cr;,Te, and CrTe, single crystals were
carried out by a vibrating sample magnetometer (MPMS 3,
Quantum Design) under external magnetic field along the a—b
plane and c-axis.

ICP-AES Measurements. The element molar ratio of as-
synthesized Cr;,Te, crystal was determined by inductively
coupled plasma atomic emission spectrometry (ICP-AES,
Optima 7300 DV). A certain amount of Cr,,Te, single crystal
was dissolved in aqua regia (mixture of nitric acid and
hydrochloric acid) and then the solution was diluted by adding
DI water to make the element concentration below 80 ppm.

Exfoliated flake-based Hall Bar Device Fabrication.
The standard Hall bar devices were fabricated on a SiO, (300
nm)/ Si (500 um) substrate using ultraviolet lithography
(SUSS MBAG), followed by metal deposition (Ti/Au: 8 nm/
25 nm) and a lift-off process. Then the exfoliated Cr,,Te,
flakes were transferred onto the prepatterned Ti/Au Hall bars
through our homemade transfer station in a glovebox. Because
Cr,,Te, flakes are sensitive to air, they was encapsulated by a
layer of hexagonal boron nitride (h-BN) on the device top to
prevent degradation during further characterizations. The
thicknesses of Cr,Te, flakes were measured using an atomic
force microscope (Bruker, Dimension Icon) in tapping mode.

Transport Measurements. Transport measurements for
exfoliated Cr,,Te, flakes were performed in physical property
measurement system (Quantum Design, PPMS-9T). The
longitudinal resistance and Hall resistance were measured
using a standard five-terminal method with an alternate current
of 500 uA in the a—b plane.
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