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ABSTRACT: The assorted utilization of infrared detectors
induces the demand for more comprehensive and high-perform-
ance electronic devices that work at room temperature. The
intricacy of the fabrication process with bulk material limits the
exploration in this field. However, two-dimensional (2D) materials
with a narrow band gap opening aid in infrared (IR) detection
relatively, but the photodetection range is narrowed due to the
inherent band gap. In this study, we report an unprecedented
attempt at the coordinated use of both 2D heterostructure (InSe/
WSe,) and the dielectric polymer (poly(vinylidene fluoride-
trifluoroethylene), P(VDF-TrFE)) for both visible and IR
photodetection in a single device. The remnant polarization due
to the ferroelectric effect of the polymer dielectric enhances the
photocarrier separation in the visible range, resulting in high photoresponsivity. On the other hand, the pyroelectric effect of the
polymer dielectric causes a change in the device current due to the increased temperature induced by the localized heating effect of
the IR irradiation, which results in the change of ferroelectric polarization and induces the redistribution of charge carriers. In turn, it
changes the built-in electric field, the depletion width, and the band alignment across the p—n heterojunction interface.
Consequently, the charge carrier separation and the photosensitivity are therefore enhanced. Through the coupling between
pyroelectricity and built-in electric field across the heterojunction, the specific detectivity for the photon energy below the band gap
of the constituent 2D materials can reach up to 10'! Jones, which is better than all reported pyroelectric IR detectors. The proposed
approach combining the ferroelectric and pyroelectric effects of the dielectric as well as exceptional properties of the 2D
heterostructures can spark the design of advanced and not-yet realized optoelectronic devices.

KEYWORDS: pyroelectricity, 2D materials, InSe/WSe,, van der Waals heterostructure, P(VDF-TFE), ferroelectric gating,
an infrared detector
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Bl INTRODUCTION detector at 80 V gate bias for detecting 1.55 ym wavelength IR
irradiation.’ Consecutively, the next widely studied 2D
transition metal dichalcogenide (TMD) MoS, was assembled
with other TMDs to form a type II heterostructure (MoS,/
WS,, MoS,/MoTe,) where the interband transition aids in IR
absorption.7’8 The MoTe,/graphene/SnS, heterostructure to

Infrared (IR) photodetectors have attracted attention among
researchers due to their extensive applications in remote
sensing, optical communication, biomedical imaging, military
surveillance, and chemical sensing.l’2 According to the

wavelength range, the IR (0.8—30 ym) region can be divided ) 5
into the near-infrared (NIR), short-wave infrared (SWIR), detect SWIR rays was demonstrated by Li et al.” Other 2D

mid-wave infrared (MWIR), long-wave infrared (LWIR), and semiéonductors like black .phosp}.lorou.s (0.3-2.0 V),
far-infrared (FIR) range.' Due to the thermal noise and tellurium (0.3—1.0 eV), platinum diselenide (PtSe; 0-12

complicated device fabrication steps involved with IR photo-

detectors based on three-dimensional (3D) crystal structures Received: December 21, 2022 EAORLED
so far, studies were focused on ultrathin two-dimensional (2D) Accepted: March 30, 2023
materials for IR detection.”* Mentioning 2D materials, Published: April 7, 2023

graphene was the prime choice to experiment for IR
photodetection by inducing a desirable band gap through
doping."”” Xia et al. demonstrated a graphene-based photo-

© 2023 American Chemical Society https://doi.org/10.1021/acsami.2c22876
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eV), and palladium diselenide (PdSe, 0.1-1.2 eV) were
studied to show promising results on IR photodetec-
tion."”'°™"* The PdSe,/MoS, heterostructure was reported
by Long et al. for LWIR detection.” Besides assembling 2D
layers, zero-dimensional (0D) materials like quantum dots,
nanoparticles, and one-dimensional (1D) carbon nanotubes
(CNT) were also combined with 2D materials for IR
detection."”™"> Hybrid structures like the graphene/CNT
layer and MoS,/HgTe quantum dots were also reported to
detect the SWIR range.'>"¢

Despite assuring outcomes with specific 2D materials and
their hybrid structures, the range for IR photodetection is
limited according to the inherent nature of the band gap of the
material. In this case, if the thermal heating effect of IR rays is
taken advantage of, the range for IR detection can be increased,
which will widen the application areas as well. The heat caused
by IR rays causes a change in temperature over the irradiated
area to which certain materials exhibit a change in net
polarization in the material due to the pyroelectric effect.'”
Poly(vinylidene fluoride) (PVDF) is one such material to
possess a pyroelectric effect.'® PVDF copolymerizes with
trifluoroethylene (TrFE) to form P(VDF-TrFE), which is a
ferroelectric polymer that exhibiting both pyroelectric and
piezoelectric effects."” Employing P(VDF-TrFE) as a dielectric
to a device aids in IR detection by measuring the change in
current caused by the change in dielectric polarization, and it
can also be used as a ferroelectric transistor.

In this work, we will make an unprecedented attempt to
demonstrate the coupling between pyroelectricity and a built-
in electric field for a highly sensitive IR phototransistor
consisting of P(VDF-TrFE) and a 2D van der Waals
heterostructure to harvest both the optoelectronic property
of 2D heterojunction for visible light photodetection and the
pyroelectric effect of P(VDF-TrFE) for IR detection. Although
there are few reports on ferroelectric gated 2D material
transistors, there have been no studies on a pyroelectric gated
2D heterostructure. Here, we chose the type II InSe/WSe,
heterostructure for our study, and there are limited reports on
InSe-based heterostructures.”””' InSe is an n-type semi-
conductor with a band gap of 1.27 eV for a thickness of
more than 6 nm and an electron mobility of 10* cm?/(Vs),
whereas WSe, is a p-type semiconductor with a direct and
indirect optical transition based on the number of layers and
has a carrier mobility of 10> cm?/(Vs).”>>° The InSe/WSe,
heterostructure top-gated with P(VDF-TtFE) dielectric shows
an ambipolar transfer behavior, and the ferroelectric polar-
ization results in a relatively higher photoresponsivity (4 = 633
nm) in the polarized state (10* A W™') than the unpolarized
state. During IR irradiation (4 = 980, 1064 nm) in the
polarized state, due to the pyroelectric effect in P(VDF-TrFE),
a significant change in current was observed for different laser
power intensities, which is indicative of the enhanced IR
detection. The underlying mechanism of enhanced photo-
sensitivity arises from the existence of the built-in electric field
across the heterojunction. Under IR irradiation, the increased
temperature will induce the change of the PVDF polarization
as well as the built-in electric field, which enables the alteration
of depletion width, changes the band alignment across the
heterojunction, and varies the charge carrier separation. As a
result, the photosensitivity is enhanced, and the specific
detectivity for the photon energy below the band gap of the
constituent 2D materials can reach up to 10" Jones, which is
better than all the reported pyroelectric IR detectors.

B RESULTS AND DISCUSSION

Figure la represents the schematic illustration of the InSe/
WSe, device on a SiO,/Si substrate with ferroelectric P(VDF-
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Figure 1. Device structure on a solid-state substrate. (a) Schematic
representation of the P(VDF-TrFE)-coated InSe/WSe, heterostruc-
ture on a SiO,/Si substrate. (b) Optical microscope image of the
assembled heterostructure after electrode deposition. (c) AFM image
of the InSe/WSe, heterostructure; the inset shows the height profile
indicating the thickness of InSe and WSe, layers individually. (d)
Raman spectra were recorded on the individual InSe, WSe, layers, and
the assembled InSe/WSe, heterojunction.

TrFE) film as the top dielectric layer. InSe and WSe, crystals
were grown by the vertical Bridgman technique and chemical
vapor transport (CVT) method, respectively. The growth
procedures were detailed in our previous report.”® The as-
grown InSe crystal belongs to the  phase and has a hexagonal
structure.”®”” The layered WSe, crystals also have a hexagonal
crystal structure.”® Both the crystals were exfoliated into ultra-
thin flakes by a mechanical exfoliation technique. The
exfoliated WSe, flakes were transferred to the SiO,/Si
substrate with a poly(dimethylsiloxane) (PDMS) stamp. In
the same manner, InSe flakes were precisely assembled on top
of WSe, to form a heterojunction. The assembled hetero-
structure was coated with P(VDE-TrFE) solution after
depositing electrodes and then annealed. The detailed device
fabrication steps involved along with the schematic are given in
Supplementary Note 1. The optical microscope image of the
stacked InSe/WSe, heterojunction device is shown in Figure
1b. The atomic force microscopy (AFM) image with the
height profile is represented in Figure 1c. The thicknesses of
InSe and WSe, flakes were determined to be ~21 and ~19 nm,
respectively. To obtain ambipolar or anti-ambipolar transport
behavior in a heterostructure where comparable electron and
hole contributions play a major role, it is necessary to have
similar levels of intrinsic carrier density in both p- and n-type
material.”*** Otherwise, the asymmetry can lead to the
domination of either of the carrier resulting in unipolar
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Figure 2. Transfer characteristics of the ferroelectric gated transistor. (a) Transfer curves are measured at constant Vy, with P(VDF-TtFE) as the
top-gated dielectric and the corresponding logarithmic plot is represented in panel (b). (c, d) Schematic illustration of the ferroelectric gated InSe/

WSe, heterostructure transistor at two different polarization states.
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Figure 3. InSe/WSe, heterostructure as a ferroelectric gated phototransistor. (a) I,—Vy, characteristic curves of the device in the dark condition at
the normal and polarized states. (b) I;—Vy, curves measured at the ferroelectric polarized state under 633 nm laser illumination with different
power intensities. (c, d) Responsivity and photogain of the device as a function of laser power intensity at two different ferroelectric polarized

states.
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Figure 4. Schematic of the pyroelectric detector in a ferroelectric gated InSe/WSe, heterostructure. (a) Representation of the pn junction with p-
type WSe, and n-type InSe without ferroelectric gating. (b) Cross-sectional illustration of the pn junction with ferroelectric P(VDF-TtFE) top-
gating polarized in the upward direction. (c) Schematic depiction of a decrease in polarization in the device when irradiated with a NIR laser

because of the pyroelectric effect.

transport behavior.”** So, to match the n-type carrier density
in InSe, we used a multilayered p-WSe, nanoflake. The
P(VDF-TtFE) film coating with the top-gate electrode is
shown in Figure S2. The Raman spectrum of the individual
InSe, WSe, layers, and their heterojunction is represented in
Figure 1d. The strong vibrational modes at 115 (A,;' mode),
178 (Elg2 mode), and 228 cm™! (Alg2 mode) in the separate
InSe and the combined modes at 250 (E,,' and A,; mode) and
302 cm™ (B,,' mode) in the individual WSe, seem to be
superimposed in the InSe/WSe, heterojunction, which is in
accordance with the previous reports.”**’

Initially, before coating P(VDF-TrFE), the InSe/WSe,
heterostructure exhibited anti-ambipolar behavior as per our
previous report.zs However, after coating P(VDF-TrFE) over
the heterojunction, due to the doping effect and change in
threshold voltages, the device exhibits ambipolar behavior.*
The P(VDEF-TrFE) solution was spin-coated at 3500 rpm for
20 s to obtain a thickness of 300 nm, which is well above the
critical thickness (100 nm)®' required to avoid a leakage
problem. The dual sweep transfer characteristics of the InSe/
WSe, heterostructure device are represented in Figure 2a. The
nA range current can be attributed to the remote carrier
scattering occurring at the semiconductor/P(VDF-TrFE)
interface due to the polymer coating and the existence of the
depletion region across the p-n junction. As mentioned earlier,
the device exhibits ambipolar behavior, and two types of
hysteresis loop are observed: one is anti-clockwise on the n-
side and the other is clockwise on the p-side. Additionally, the
polarization direction changes when it reaches the coercive
voltage (V. = + 20 V), which is clear in the log plot (Figure
2b). The on/off ratio of the device estimated from Figure 2b is
~103%, which is a considerable value in the class of 2D
heterostructure-based transistors.”*>** Due to the ferroelectric
gating with P(VDF-TrFE), three polarization states can be
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observed in the device. First is the normal state without any
polarization, second is the polarization up state (P-up), and
third is the polarization down state (P-down), which can be
obtained by poling the ferroelectric polymer with a certain
voltage for 30 seconds (P-up (—50 V) and P-down (+50 V)).
The schematic illustration of the polarization up and down
states is depicted in Figure 2¢,d, respectively.

The photodetecting performance of the device was studied
by carrying out electrical measurements with laser illumination
of 633 nm at different power intensities. The I4—Vy,
characteristics of the device measured in dark conditions at
normal and P-up states are shown in Figure 3a. Note that if we
consider a unipolar ferroelectric gated transistor, either of the
up and down polarization yields higher current saturation in
the ON state and the other saturates in the OFF state. So,
there will be a drastic difference in the photoresponse obtained
in the P-up and P-down polarization states. However, in our
present study, we obtain an ambipolar transfer curve with p-
WSe, and n-InSe heterostructure. As we can observe from
Figure 2a,b, the drain source current at the P-up and P-down
polarized state saturates at a higher value compared with the
normal state. So, there will be a minimal difference in the
photoresponse measured at P-up and P-down states. Hence,
we chose to compare either of the polarized states (P-up here)
with the normalized state throughout the study than with the
P-down state for clarity. The electrical measurement of the
device at normal and P-up states with laser illumination is
represented in Figures S3a and 3b, respectively. It can be
observed that the photocurrent generation is higher in the
polarized state than in the normal state. The photoresponsivity
(R) of the device in both states was estimated with the
photocurrent (I,), incident laser power (P), and the active
device area (A) using eq 1.°%**
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Figure S. Ferroelectric P(VDF-TtFE) gated InSe/WSe, heterostructure as a pyroelectric detector. (a) and (b) I;—Vy characteristic curves of the
device showing a change in current when irradiated with 980 and 1064 nm laser, respectively. (c) Responsivity of the device to laser with
wavelengths 633, 980, and 1064 nm as a function of the incident laser power intensity.
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The maximum responsivity of the InSe/WSe, device
obtained is ~10* A W' in the P-up state, which is twice the
responsivity obtained in the normal state, i.e. ~5.3 X 10° A
W' (Figures 3¢ and S3b). Similarly, the photogain (1) of the
device determined using the equation 7 = (Rhc)/(ed) (h is
Planck’s Constant, ¢ is the speed of light, e is the electronic
charge, and 4 is the wavelength of the illuminated light)zm4 is
1.0S X 10* in the normal state and 2.23 X 10* in the P-up state
(Figure 3d). The photo-switching characteristics of the device
at the normal and P-up states are given in Figure S3c. In both
the states, the device exhibits a stable photo-switching ability.
The photoresponse time of the device under the normal state
is 250 ms and under the P-up state <200 ms. The P-up state
exhibits higher responsivity and photogain than the normal
state because of the polarization effect. In the polarized state
(Figure 2c), the holes in the InSe and WSe, get bound to the
remnant polarization field, which reduces the depletion region
and increases the conduction. Besides, the Schottky barrier
formed between the material and electrode due to the
difference in the Fermi level is also greatly reduced, which
aids in conduction.”* When the laser is illuminated over the
device area, a large number of electron-hole pairs are generated
in the material, and one of the carriers, preferably holes, here
gets trapped in the remnant polarization field. This acts as a
local gating while the other carrier flows through the device,
which aids in the enhancement of photocurrent.” In addition,
the device also exhibits a significant photovoltaic effect, as
shown in Figure S4, where a considerable negative short-circuit
current (I,) is observed with an increase in laser power
intensity. The P-up state exhibits a higher short-circuit current
than the normal state, indicating that the charge carrier
separation is more in the P-up state, which is following the
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mechanism explained earlier. The above behavior provides firm
evidence to support the fact that the InSe/WSe, area
contributes more to the better photoresponse in the P-up
state as the p—n junction is crucial for charge carrier
separation, which aids in enhanced photocurrent.

To demonstrate IR detection in InSe/WSe, devices, the
pyroelectric effect of the P(VDE-TrFE) is utilized. First, we
exclude several possible mechanisms responsible for the IR
photoresponse. The lasers 980 and 1064 nm used in this study
have energies (1.26, 1.16 V) less than the band gap of few-
layered InSe (1.27 eV) and WSe, (1.36 €V). So, the possible
origin of photoresponse to IR rays through the photoexcitation
for the band-to-band transition can be ruled out. Another
alternative interpretation for the photoresponse may be
attributed to the photoexcitation from defect states to band
transition. However, this possibility can also be excluded for
the magnitude of the photoresponse is in the same order of the
above band gap excitation, and the density of defect states
should be much less than that of the conduction and valence
bands. Hence, it clearly proves the role of the pyroelectric
effect in IR detection in our study. The mechanism for IR
detection using the pyroelectric effect is illustrated in Figure 4.
At a reverse bias condition and thermal equilibrium without
the application of any gate voltage, there is a considerable
depletion region formed (assume that the length is L) with p-
type WSe, and n-type InSe, as shown in Figure 4a. At the same
reverse bias condition and thermal equilibrium but at the P-up
state without NIR irradiation, the holes in the p-WSe, and n-
InSe get bound to the polarization electric field, as depicted in
Figure 4b. So, the depletion region is reduced (L — AL) and
the current flows through the device (I4,4). However, at a
similar condition with IR irradiation, there is a localized
heating effect over the polymer increasing the temperature (T
+ AT). So, the polarization effect decreases (P — AP), and the
number of holes bound by the polarization electric field

https://doi.org/10.1021/acsami.2c22876
ACS Appl. Mater. Interfaces 2023, 15, 1912119128


https://pubs.acs.org/doi/suppl/10.1021/acsami.2c22876/suppl_file/am2c22876_si_001.pdf
https://pubs.acs.org/doi/suppl/10.1021/acsami.2c22876/suppl_file/am2c22876_si_001.pdf
https://pubs.acs.org/doi/suppl/10.1021/acsami.2c22876/suppl_file/am2c22876_si_001.pdf
https://pubs.acs.org/doi/10.1021/acsami.2c22876?fig=fig5&ref=pdf
https://pubs.acs.org/doi/10.1021/acsami.2c22876?fig=fig5&ref=pdf
https://pubs.acs.org/doi/10.1021/acsami.2c22876?fig=fig5&ref=pdf
https://pubs.acs.org/doi/10.1021/acsami.2c22876?fig=fig5&ref=pdf
www.acsami.org?ref=pdf
https://doi.org/10.1021/acsami.2c22876?urlappend=%3Fref%3DPDF&jav=VoR&rel=cite-as

ACS Applied Materials & Interfaces

www.acsami.org

Research Article

decreases. Consecutively, the depletion region increases (L +
AL), and more electron-hole separation takes place, increasing
the measured current (I + Aly), as illustrated in Figure 4c.
This overall mechanism was experimentally observed when the
InSe/WSe, device with P(VDF-TrFE) gating was irradiated
with IR lasers with wavelengths of 980 and 1064 nm. The Ij,—
Vi, characteristics of the device under 980 and 1064 nm laser
irradiation at different laser power intensities are shown in
Figure Sa,b, respectively. There is an increase in the
photocurrent observed with an increase in IR irradiation
intensity, as observed from the represented graphs. The
increase in temperature (AT) for different IR laser intensities
for 980- and 1064-nm lasers is shown in Figure SS. The
maximum responsivity obtained with 980 nm laser irradiation
is 9.6 X 10> A W' at a laser power of 9.2 yW cm > whereas,
for 1064-nm laser irradiation, it is 7.9 X 10> AW at 0.17 mW
cm™2 Notably, the responsivity of the pyroelectric IR detection
for the photon below the band gap of 2D materials is in the
same order of magnitude as that of the normal state under the
excitation of the photon energy above the band gap without
the effect of pyroelectricity. To study further, the pyroelectric
current was measured as a function of frequency (f) at a
constant IR irradiation with 980 and 1064 nm laser, as shown
in Figure S6. It can be observed that the pyroelectric current
measured, R, (@), decreases with an increase in frequency,
which can be fitted with the following model*®

X(w)
VA + o’c?) @)

where X(w) is a polynomial term associated with the thermal
effect in the pyroelectric polymer, ® is the frequency, and 7 is
the pyroelectric response time constant. The curves fitted with
eq 2 are in accordance with the experimental data, as shown in
Figure S6. The pyroelectric response time (7) obtained for 980
and 1064 nm laser irradiation is 240 and 290 ms, respectively.
According to our proposed mechanism, as the IR detection in
our reported device is mainly due to the pyroelectric effect of
P(VDF-TrFE), any IR laser that causes a localized heating
effect upon irradiating with P(VDF-TrFE) dielectric would
change its polarization, resulting in a change in the channel
current in IR detection.

In addition to responsivity and photogain, specific
detectivity is one of the most important figures of merit to
justify the sensitivity of a photodetector. The larger the
detectivity, the better it is for obtaining signals out of noises. As
shown in Supplementary Note 3, the calculated detectivity for
633 nm laser illumination can reach up to about 10" Jones,
and IR radiation with the photon energy below the band gap of
the constituent 2D materials is up to 10'' Jones of magnitude
(Supplementary Note S and Figure S7), which is much better
than all the previous reports of pyroelectric IR detectors,
including 2D materials.”’~ For example, the pyroelectric IR
detector base on graphene/PVDF has a detectivity of only 7.42
x 10° Jones.”” The origin of the enhanced photosensitivity can
be attributed to the uniqueness of the coupling between the
pyroelectricity and the built-in electric field across the p—n
junction. Under IR irradiation, the increased temperature will
induce the change of the PVDF polarization and, in turn,
change the built-in electric field across the heterojunction.
Consequently, due to the charge carriers’ flow reaching a new
equilibrium state, the depletion width is changed and the band
alignment across the heterojunction is rearranged, which

R, (w) =

enables us to increase the charge carrier separation and
enhances the photocurrent.

B CONCLUSIONS

To conclude, we have demonstrated a highly sensitive
photodetector based on a new mechanism of the coupling
between the pyroelectric and built-in electric field for the
device consisting of the 2D InSe/WSe, heterojunction and
P(VDF-TrFE), which can detect a wide range of wavelengths
covering the visible to IR spectrum. The ferroelectric
polarization in the dielectric leads to an excellent photo-
detection in the visible range with a photoresponsivity of 10* A
W™ On the other hand, using the heterojunction as the
channel, the coupling between the pyroelectric effect of the
polymer and the built-in electric field across the p—n junction
extensively promoted highly sensitive IR detection. The
increased temperature induces a polarization change in the
irradiated area and creates charge carriers flow to establish a
new equilibrium state and changes the depletion width. The
specific detectivity of the IR detection is in the order of 10"
Jones, which is much better than all published pyroelectric IR
detectors, such as the devices based on PVDF/graphene 2D
materials. Thus, the coordinated benefaction from both the
dielectric and the 2D heterostructure opens up multifarious
possibilities for novel optoelectronic devices. For instance, with
the overlap of the absor;)tion spectrum of PVDF and black
body radiation at 300 K,”* it is foreseeable that our approach
may introduce not-yet realized applications in the fields
ranging from bio-imaging to military defense.

B EXPERIMENTAL DETAILS

Device Fabrication. The dry transfer technique was followed to
stack up the InSe/WSe, heterostructure. Both the crystals were
mechanically exfoliated into thin flakes using a scotch tape. Initially,
exfoliated WSe, flakes were transferred to the SiO,/Si substrate with a
PDMS stamp. In the same manner, exfoliated InSe flakes were
transferred exactly to the top of the WSe, flake using a custom-
designed micromanipulator fitted to an optical microscope (Olympus,
BX SIM) with a CCD camera (Leica DFC49S). After determining
the thickness of the stacked InSe/WSe, heterostructure using the
AFM technique, electrodes (Cr/Au—7/70 nm) were deposited by
the thermal evaporation technique while masking the heterojunction
using a Cu grid with mesh sizes ranging in the microns. For
ferroelectric gating, the P(VDF-TrFE) solution was spin-coated on
the device at 3500 rpm for 20 s. The pyroelectric and ferroelectric
properties of P(VDF-TrFE) films were demonstrated in previous
reports.'® After baking the device in a vacuum oven at 135 °C for 2 h,
Al/Au was deposited on the heterojunction area by using a custom-
made shadow mask to serve as an electrode for top-gating the device.

Characterization Details. The thickness of the InSe and WSe,
flakes was determined using a nanosurf Flex AFM (Easyscan 2V.3.1).
The Raman Spectrum of the heterojunction was recorded using a
micro-Raman spectrometer (Triax 550) equipped with an optical
microscope (Olympus CX41) and detector (Jobin Won Horiba S
Drive-500 Syncernity). The wavelength of the laser used for excitation
is 532 nm. For the electrical measurements, Keithley 2636 and 2400
were employed. To measure the photoresponse of the device, an He—
Ne laser with a wavelength of 633 nm was used. For IR detection, a
continuous-wave 980 nm laser was used.
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Supplementary Note 1, Heterostructure assembly

The schematic illustration of each step involved in the InSe/WSe: heterostructure device
fabrication with P(VDF-TrFE) coating as a dielectric layer is shown in Figure S1. At first, WSe;
flakes were exfoliated and transferred to the substrate using a PDMS stamp. After removing the
PDMS stamp, the exfoliated InSe was precisely placed on the WSe; flake using the custom-
designed micromanipulator. The electrodes were deposited for the assembled heterostructure and
the P(VDF-TrFE) copolymer solution is spin-coated on the device. After annealing the device,

electrodes were deposited for top-gating.

WSe, flakes exfoliated Peel-off technique applied to InSe flakes exfoliated on PDMS
on PDMS remove PDMS after sticking
WSe, flakes
< - - 4

] e —— e ——
P(VDF-TrFE) is spin coated Cr/Au electrodes deposited PDMS removed  after

: attaching InSe flakes on

WSe,

el , sl o

' = 5i0,/ Si Substrate
Device is annealed Top gate electrode PDMS
is deposited — WSe,
— [nSe
oo ——— oo ——— PIVDEITFE)
-~
3 % s Al/Au electrode

Figure S1. Schematic depiction of various steps involved in the device fabrication which includes
assembling InSe/WSe; heterostructure, depositing electrodes, coating P(VDF-TrFE) dielectric on

top, and depositing gate electrode.
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Supplementary Note 2, Microscopic images

The optical microscope image of the InSe/WSe; heterostructure device after P(VDF-TrFE)

coating and top electrode deposition are represented in Figure S2.

Figure S2. Optical microscope image of the P(VDF-TrFE) coated top-gated InSe/WSe>

heterostructure.
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Supplementary Note 3, Photoresponse of the device

The lgs-Vas characteristics of the device under laser (A= 633 nm) illumination with different
power intensities in the normal state are shown in Figure S3a. The photocurrent increases with an
increase in laser power. The photoresponsivity of the device is estimated to be in the order of 103
A W, Another significant parameter that determines the detection sensitivity is the detectivity

(D*) which can be expressed in terms of noise equivalent power (NEP) as,*

p = @

where A is the active device area and Af is the measuring bandwidth. NEP signifies the minimum
optical signal that can be distinguished from noise by the photodetector and is directly proportional
to the root mean square noise current (In) and inversely proportional to the responsivity (R) of the
device which can be expressed as NEP = I,/ R. The noise current is directly proportional to the

dark current as follows,

I% = ZeldarkAf (2)

where e is the electronic charge. By substituting the expression for NEP and noise current, equation

(1) can be simplified and expressed as given in equation (3).

D* = (A)Y2xR
N (2elgari)t/?

3)

The detectivity (D*) of the InSe/WSe> heterostructure device in the normal state calculated
at different laser power intensities is shown in Figure S3b. The maximum detectivity obtained is
in the order of 10 Jones at a lower laser power. To double-check the accuracy of the calculated
detectivity, spectral noise was used to estimate the detectivity following our previous publication.?

The spectral noise density S, = 1.1 x 101t A / Hz%® was obtained from the noise-portion of Fast-
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Fourier-Transform of the photocurrent. Based on the measured responsivity, the noise-equivalent

power NEP = Sp/ R =2 x 10 W / Hz%°. This value yields a specific detectivity as follows,

D* =

AA
NEP

VAY — 1 % 1012 Jones

where A is the active area of the detector and Af is the bandwidth. The obtained result was not too

much different from the calculation based on the dark current as shown above. The photoresponse

time of the device under normal state is 250 ms and the P-up state is < 200 ms (Figure S3c).

d 64
Normal state
31 —5.02mWecem=2
—2.03 mW cm-2
< 0 — —
= 0.95 mW cm-2
B 0.43 mW cm-2
31 0.13 MW cm-2
0.04 mW cm-2
-6 - 16.7 pW cm-2
—7 pW cm-2
—Dark
-9 T T r
-4 -2 0 2 4

b > B Ves=5V (Normal state)
104
L1n14
o, > 0% o
c
: :
% o0 * P b
D D_-‘
-
OO > PYSE!
]
0.01 0.1 1 10

100

120

g
=}

o
w

40 80
Time (s)
Vgs =1V Normal state
P =0.43 mW cm2
| | | l
4 _
40 60 80 100 120

Time (s)

Figure S3. (a) lss—Vas curves measured at normal state under 633 nm laser illumination with

different power intensities. (b) Responsivity and detectivity of the device as a function of laser

power intensity at a normal state. (c) The photo-switching characteristics of the device.
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Supplementary Note 4, Photovoltaic Effect

The electrical measurements carried out for InSe/WSe: heterostructure at the normal and
polarized (P-up) state under laser illumination exhibit a significant photovoltaic effect. A notable
negative short-circuit current (lsc) is observed in the device at zero bias as shown in Figure S4.
The P-up state exhibits a higher short-circuit current than the normal state which indicates that the
charge carrier separation is more in the P-up state due to the localized gating effect by the bound

carriers to the remnant polarization field.

0.0 -

-0.5 Qo

"sc (LA)

-1.0 1
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Figure S4. Short-circuit current (lsc) at zero bias as a function of incident laser power intensity at

normal and ferroelectric polarized state.
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Supplementary Note 5, Pyroelectric Effect

The change in temperature at the IR laser-irradiated region was estimated using the

following equation.
Iy = £G(T4 - T:)

Here, liris the intensity of IR radiation, ¢ is the emissivity of the surface (0.7 for P(VDF-TrFE)
film), o is the Stefan-Boltzmann constant (5.6703 x 10® W m2K™), T is the surface temperature

and Ta is the ambient temperature. The increase in temperature is determined as AT =T - Ta and

the AT for different IR laser intensity for 980 nm and 1064 nm laser is shown in Figure S5.

34 A=1064 nm

AT (K)
by

11 % =980 nm

0.1 1
Power (W m2)

Figure S5. The increase in temperature (AT) at the irradiated area of the device as a function of

IR laser power intensity.
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To support the near-infrared (NIR) photodetection, the pyroelectric current was measured

as a function of frequency (f) at a constant NIR irradiation with 980 and 1064 nm laser as depicted

in Figure S6. The pyroelectric current measured decreases with an increase in frequency and it

matches well with the fitted model.

d 1004
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<{p Experimental data
— Fitted curve
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Figure S6. (a) and (b) Change in current due to pyroelectric effect measured as a function of

frequency (f) when irradiated with 980 nm and 1064 nm laser, respectively.
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The specific detectivity of IR irradiation estimated using equation (1) with NEP calculated
from spectral noise density (Sn) (Supplementary Note 3) was shown in Figure S7 as a function
of laser power intensity. The calculated detectivity for 980 nm and 1064 nm laser irradiation is in

the order of 10 Jones. Thus, the specific detectivity of our IR detector is much better than the

previously reported values.®
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Figure S7. The specific detectivity (D*) of the device for IR irradiation as a function of laser

power intensity.
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