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Recently, two-dimensional (2D) semiconductor-based broadband photodetectors have gained tremen-
dous attention due to their immense potential applications in high-performance optoelectronic devices.
In this report, we demonstrate a high-performance photodetector based on reduced-graphene oxide
(rGO) decorated p-y-In,Ses/n-Si heterostructures. The integration of rGO with a p-In,Ses/n-Si
heterostructure results in an enhanced responsivity of ~9.5 A W™ with detectivity of ~2.39 x 102 cm
HzY2 W at —3 V under the illumination of 685 nm light with an intensity of 0.1 mW cm™2. In addition,
the rGO/In,Sez/Si heterostructure shows high sensitivity and fast response/recovery times (40/90 ps)
with a broadband response ranging from visible to infra-red wavelengths, which makes it a suitable
candidate for an efficient broadband photodetector. The enhanced figures-of-merit of the rGO/
v-In,Ses/Si heterostructure could be due to the increased optical absorption of incident light and
effective separation of the photogenerated charge carriers because of the top rGO layer. Here, the rGO
layer acts as an efficient hole transporting layer due to its high hole mobility, which effectively reduces
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|. Introduction

Photodetectors based on two-dimensional (2D) layered semi-
conductor materials have gained incredible research interest in
recent years due to their immense potential applications in
high performance optoelectronic devices.'™ 2D layered semi-
conductors provide an alternative and viable approach to
encounter the challenges faced by Si-based optoelectronic
devices because of their exceptional and unique characteristics.
Si-based photodetectors are sensitive in the near IR region
because of their narrow band gap (~1.1 eV).>° In addition,
Si-based photodetectors show low photo-responsivity.
To demonstrate Si-based broadband photodetectors with high
photo-responsivity, it is essential to integrate Si with 2D-layered
semiconductors with appropriate band gaps. Such hybrid
2D/3D heterostructures could pave the way toward the realiza-
tion of high-performance broadband photodetectors.” " As an
important class of 2D-layered materials, ITIIA metal chalcogenides
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the recombination of the photogenerated charge carriers.

(where, metal = In, Ga; chalcogenide = S, Se, Te) have shown great
potential in electronic and optoelectronic devices due to their
interesting electrical and optical properties. Among these, In,Se;
has gained substantial attention as a promising 2D material
because of its direct wide bandgap, high absorption coefficient
in the visible range and efficient generation of electron-hole pairs
under light illumination,””™* which makes it an ideal candidate
to integrate with Si for the demonstration of a broadband photo-
detector with high photo-responsivity. In,Se; exists in three
different crystalline phases denoted by o, B and v.">” Among
them y-In,Se; is a 2D material having a hexagonal crystal structure
with a distorted wurtzite type atomic arrangement'® and having a
wide direct bandgap of ~1.8 eV.'”2' Hence, by integrating
v-In,Se; with Si, a photodetector with broadband detection can
be achieved. In addition, the integration of In,Se; with Si creates a
depletion region at the interface, which generates a large built-in
electric field at the In,Se;/Si interface. This internal electric field
facilitates the separation of photogenerated charge carriers and
suppresses the recombination probability. Another approach to
further achieve high performance broadband photodetectors is
by utilizing a van der Waals heterostructure (2D/2D hybrid
configuration) on a Si substrate. By integrating van der Waals
heterostructures on Si, the device performance is further
enhanced because of the perfect interface with low defects
at the 2D/2D interface.”>** In the present studies, we have

© 2023 The Author(s). Published by the Royal Society of Chemistry
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integrated reduced-graphene oxide (rGO)/In,Se; as a 2D/2D
heterostructure on Si and demonstrate a broadband photo-
detector with high photo-responsivity and fast response/
recovery times.

As of now, there are few reports on the photodetection
properties of In,Se; nanostructure-based photodetectors.>* >’
Gedrim et al. demonstrated a 2D o-In,Se; nanosheet-based
photodetector with photo-responsivity of 3.95 x 10> A W !
and an external quantum efficiency (EQE) of 1.63 x 10°% under
the illumination of 300 nm at a bias voltage of 5 V.>* Moreover,
the response time and specific detectivity of the detector were
1.8 x 10% s and 2.26 x 102 cm Hz"?* W™?, respectively. Here,
a-In,Se; nanosheets were obtained through the exfoliation of
commercial grade o-In,Se; onto a SiO,/Si substrate. Li et al
fabricated a photodetector based on a single In,Se; nanowire,
which showed a photo-responsivity of 1.5 x 10> A W' at
500 nm with an EQE of 3.7 x 10%% at an applied bias of
5V.2* Here, the authors synthesized In,Se; nanowires at around
950 °C using a high temperature tubular furnace. In another
report, Zhai et al. demonstrated a fast, reversible and stable
response of In,Se; nanowire-based photodetectors with photo-
responsivity and EQE of ~89 A W' and ~22000%, respec-
tively, under an incident wavelength of 500 nm at an applied
bias of 3 V, where In,Se; nanowires were synthesized at 900 °C
using a high temperature tubular furnace. Here, the high
photo-responsivity and fast photoresponse are attributed to
the superior single-crystal quality and large surface-to-volume
ratio of In,Se; nanowires.>® Chen et al. demonstrated an In,Se;
nanoflower/Si heterostructure-based self-powered and broad-
band photodetector ranging from UV to IR with a responsivity
of 5.67 AW " and detectivity of 5.66 x 10** cm Hz"> W under
an illumination of 820 nm at —1 V bias voltage.® In the above
reports, the authors have synthesized In,Se; in various nano-
structured forms, like nanosheets, nanowires, nanoflakes,
nanoflowers, etc. using mechanical/chemical exfoliation or
high temperature chemical vapor deposition techniques, where
the size of the nanostructure is limited to a few microns.
Though the performance of those nanostructure-based photo-
detectors is excellent, the adopted synthesis techniques have a
major limitation of being scaled for mass production. In this
article, a large area In,Se; thin film has been realized using a
simple technique for photodetection applications. Here, a large
area y-In,Se; thin film has been deposited using thermally
evaporating indium on a Si substrate followed by selenisation
at much lower temperature and a high performance y-In,Se;/Si
heterostructure based broadband photodetector has been
demonstrated.

To the best of our knowledge, there are few reports on In,Se;
thin film-based high performance broadband photodetectors.'”*®
Shao et al. have grown a large area B-In,Se; thin film on a
c-sapphire substrate using a molecular beam epitaxy system
and demonstrated a graphene/B-In,Se; heterostructure-based
photodetector with responsivity and EQE of 1.17 A W' and
93.6%, respectively, under the illumination of 1550 nm at an
applied bias of 0.35 V.>® Wu et al. have fabricated y-In,Ses/
n-Si-based broadband photodetectors by depositing y-In,Se;
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on an n-Si substrate using RF magnetron sputtering. A photo-
responsivity of 0.57 A W' with a specific detectivity of
2.6 x 10" cm Hz'? W' was obtained under 808 nm light
illumination with rise/decay times of 35/115 ps.'” Herein, we
have demonstrated y-In,Se3 (p-type)/n-Si heterostructure-based
high performance broadband photodetectors with a photo-
responsivity of 4.6 A W' and specific detectivity of 1.22 x
10" cm HzY> W' under the illumination of 685 nm at an
applied bias of —3 V. In addition, we have decorated the
v-In,Se;/n-Si  heterostructure with reduced-graphene oxide
(rGO) and observe an enhanced photo-responsivity of 9.5 A W~*
with a specific detectivity of ~2.39 x 10*? cm Hz"> W~* and
response/recovery times of 40/90 ps under an illumination of
685 nm at an applied bias of —3 V, which are better than the other
reported values with similar device geometries. The enhanced
device performance of the rGO/y-In,Ses;/n-Si heterostructure is
attributed to the effective separation of photogenerated charge
carriers due to the efficient hole transporting nature of the top
rGO layer, which reduces the recombination probability of the
charge carriers.

ll. Experimental procedure

A commercial n-doped Si (100) substrate was used for the
deposition of y-In,Se; thin film. The carrier concentration
and electrical conductivity of the Si substrate as estimated
using Hall measurement were ~7.5 x 10" cm ™ and ~1.8 x
10" (Q cm) ™", respectively. Here, the deposition of the y-In,Se;
thin film on the n-Si (100) substrate was carried out by
thermally depositing indium metal on the Si substrate followed
by its selenisation. Prior to the selenisation, a circle of indium
metal of diameter 1000 um was deposited on the Si substrate
using a standard photolithography process followed by the
thermal evaporation and lift off techniques. Subsequently,
selenisation of the indium metal was carried out in a tubular
furnace at 450 °C for 1 h in the presence of a continuous flow of
argon gas. The sequential steps involved in the deposition of
In,Se; on Si followed by the fabrication of the rGO/In,Se;/Si
heterostructure are shown in Fig. 1(a)—(e).

To fabricate the rGO/In,S;/Si heterostructure, rGO was drop-
cast on the In,S;/Si heterostructure. Here, rGO was synthesized
using the modified Hummers’ method.”® The photodetection
measurements of the In,Se;/Si and rGO/In,Se;/Si heterostruc-
tures were carried out by taking one contact from the top of the
In,Se; (or rGO) layer and another from the bottom of the Si
substrate, as shown in Fig. 1(c) and (e), respectively. A circle of
aluminium metal of diameter 400 pm on the In,Se; (or rGO)
layer was used as the top electrode. Fig. 1(f) shows an optical
image of the fabricated vy-In,Se;/Si heterostructure-based
photodetector. Here, the effective area of the device is around
0.659 mm? (excluding the area of the metal electrode). Oriel’s
QEPVSI system equipped with a 300 W Xenon bulb was used for
the photodetection measurements of the heterostructure. The
light intensity of the system was varied by changing the width
of the entrance slit. The structural characterizations of the
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Fig.1 The complete process step sequences for the deposition of y-In,Ses on the Si substrate followed by the fabrication of the rGO/y-In,Ses/Si
heterostructure-based photodetector, (a) deposition of indium metal on the Si substrate using a thermal evaporation system, (b) selenisation of the

indium metal using a tubular furnace, (c) fabrication of the y-In,Ses/Si

heterostructure-based photodetector, (d) decoration of the y-In,Ses/Si

heterostructure with rGO using the drop-casting technique, € fabrication of the rGO/y-In,Ses/Si heterostructure-based photodetector, and (f) an
optical image of the fabricated y-In,Ses/Si heterostructure-based photodetector.

In,Se;/Si and rGO/In,Se;/Si heterostructures were carried out
using X-ray diffraction (XRD) and Raman spectroscopy. The
surface morphology and composition of the In,Se; thin film
were determined using field emission scanning electron micro-
scopy (FESEM) and energy dispersive X-ray spectroscopy (EDS),
respectively. A Hitachi (U-2900) absorption spectrophotometer
was used to estimate the optical band gap of the y-In,Se; film.
Room temperature Hall measurement was carried out to deter-
mine the carrier concentration of the In,Se; thin film and Si
substrate using an Ecopia HMS 5000 system.

Fig. 2(a) shows the XRD pattern of the as-deposited In,Se; thin
film on the Si (100) substrate. All diffraction peaks as marked
with an asterisk are consistent with the ICSD standard card of
the y-crystalline phase of In,Ses;, confirming the deposition of
the y-phase of In,Se; thin film. To further examine the y-phase
of In,Se;, micro-Raman spectroscopy has been carried out on
the rGO/In,Se;/Si heterostructure. As displayed in Fig. 2(b),
Raman spectroscopy shows the clear characteristics peaks
(as denoted with an asterisk) associated with the different

Results and discussion
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(a) XRD of the y-In,Ses/Si heterostructure and (b) room-temperature p-Raman spectroscopy of the rGO/y-In,Ses/Si heterostructure.

© 2023 The Author(s). Published by the Royal Society of Chemistry
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vibrational modes of y-In,Se;. The peak at 520 cm™ " is asso-
ciated with the E, (high) mode of the Si substrate. In addition,
the Raman spectrum shows two peaks at around ~1346.4 and
~1591.9 cm !, which are assigned to the D- and G-band of
GO, respectively.>*>!

Fig. 3(a) shows the optical absorption spectra of the as-
deposited y-In,Se; thin films with and without rGO coating on
a soda-lime glass (SLG) substrate. Here, the SLG substrate
was used in order to avoid the optical absorption on the Si
substrate. The deposition of the y-In,Se; thin film on the SLG
substrate was carried out usingthe same techniques as used for
v-In,Se; on the Si substrate. With the rGO coating on the
v-In,Se; thin film, the optical absorption is increased consider-
ably in the wavelength range of 400-1100 nm as compared to
without the rGO coating. A plot of hv vs. (¢hv)?, as shown in
Fig. 3(b), yields a direct bandgap of 1.81 eV, which is very close
to the reported value of y-In,Se;."* " Fig. 4(a) shows the FESEM
image of y-In,Se; on the Si substrate, which shows the presence
of uniform nanoscale particulates on the surface of the film.
In order to measure the thickness of the y-In,Se; thin film,
cross-sectional SEM was carried out, as shown in the inset

View Article Online
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of Fig. 4(a). The thickness of y-In,Se; was found to be around
320 nm. Fig. 4(b) shows EDS of y-In,Se; on the Si substrate,
which shows the presence of In and Se without any impurities.
The average ratio of In to Se is approximately 2:3, indicating
that the y-In,Se; film is stoichiometric.

Fig. 5(a) and (b) show the I-V characteristics of the y-In,Ses/
Si (detector-1) and rGO/y-In,Se;/Si (detector-2) heterostruc-
tures, respectively, in the dark and under the illumination of
685 nm light with a power density of 0.1 mW cm 2. Here, both
heterostructures exhibit rectifying I~V characteristics which
demonstrate a well-defined photodiode. Under dark condi-
tions, the rectification ratio (on/off ratio) of detector-1 and
detector-2 is 30.5 and 24.1, respectively, at an applied bias of
43 V. Under the illumination of 685 nm, the detectors show an
enhanced reverse bias current with insignificant detection
under forward bias conditions. The dark current (Igam) of
detector-1 and -2 is approximately 1.83 x 10~7 and 3.26 x
1077 A, respectively, at an applied bias of —3 V. On the other
hand, the current under an illumination (I,) of 685 nm is
2.29 x 10 ® and 5.81 x 10~ ° A, resulting in a photocurrent
(Ioh = ity — Taand) 0f 2.10 x 10~ ° and 5.48 x 10 ° A for detector-1

3.0{(a)

—-In2Se3/SLG
—rGO/y-InpSe3/SLG

50]() — yInzSe3/SLG

E, =181 (eV)

Wavelength (nm)
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1.5
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Fig. 3 (a) The optical absorption spectra of y-In,Sez and rGO/y-In,Ses thin films on the SLG substrate and (b) a plot of hv vs. (xh1)? of the y-In,Ses thin

film on the SLG substrate.

v-In,Se;
-, 320nm

EHT = 5.00 kv
WD = 8.1 mm

Signal A = SE2
Mag= 25.00KX

Fig. 4
and (b) EDS of the y-In,Ses thin film deposited on the Si substrate.

© 2023 The Author(s). Published by the Royal Society of Chemistry

(a) FESEM image of the y-In,Ses thin film on the Si substrate. The inset shows the cross-sectional SEM image of the y-In,Ses/Si heterostructure
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Fig. 5 Room temperature |-V characteristics of (a) y-In,Ses/Si (detector-1) and (b) rGO/y-In,Ses/Si (detector-2) heterostructure-based photodetectors

in the dark and under an illumination of 685 nm with a power density of 0.1 mW cm™°.
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heterostructure.

and detector-2, respectively. Thus, the decoration of the In,Se,/
Si heterostructure with rGO improved the photocurrent of the
detectors, which could be due to the increase in optical
absorption of the incident light.

The improved photocurrent in the rGO decorated In,Se;/Si
heterostructure is explained using a band diagram of the rGO/
In,Se;/Si heterostructure. Fig. 6(a) shows the energy band
diagram of rGO, In,Se; and Si before joining them together.
Here, the electron affinity (y) of rGO, y-In,Se; and Si is taken as
4.9, 3.6°* and 4.05 eV,*?° respectively, based on the pre-
vious reports. The band gap of Si is taken as 1.12,*° whereas the
bandgap of y-In,Se; is 1.81 eV as estimated using absorption
spectroscopy as shown in Fig. 3(b). The doping concentration of
Si and y-In,Se; is estimated using Hall measurement and is
found to be ~7.5 x 10" em ™ for Si with n-type behavior and
~2.28 x 10" em™* for y-In,Se; with p-type behavior. Fig. 6(b)
shows an equivalent band diagram of the heterostructure after
joining individual layers together. A depletion region is created
at the interface of the y-In,Se; and Si heterostructure, leading
to the generation of a built-in electric field at the y-In,Se;/Si
interface with the direction from Si to y-In,Se;. In addition, the
In,Se;/Si heterostructure produces a type-I band alignment®”
at the interface with conduction and valence band offsets of

600 | Mater. Adv, 2023, 4, 596-606

(@) The energy band diagram of rGO, p-In,Ses and n-Si before joining, and (b) an equivalent band diagram of the rGO/p-In,Ses/n-Si

0.45 and 0.24 eV, respectively. Under reversed bias conditions,
when the heterostructure is illuminated by light, the photo-
generated electron-hole pairs in the depletion region are
effectively separated in opposite directions due to the presence
of a high built-in electric field across the y-In,Se;/Si interface.
Here, the photo-generated electrons are swept towards the Si
side and at the same time the holes are swept towards the
v-In,Se; layer and subsequently the holes are extracted by the
top rGO layer, giving rise to high photocurrent in the hetero-
structure. Here, rGO acts as an efficient hole transporting layer,
where the recombination probability of the photo-generated
charge carriers reduced drastically. Hence, the photocurrent
increases significantly in the rGO decorated y-In,Se,/Si hetero-
structures.

The figures-of-merit like responsivity, detectivity and sensi-
tivity are calculated to evaluate the performance of the detectors.
The responsivity (R;) of the photodetectors, as defined by the ratio
of the photocurrent to the intensity of the illuminated light, is
calculated by using the relation,®?**° R, = I,/P,S, where I, is the
photocurrent (Zijjumination — dark), P; is the light intensity and S is
the effective area of the heterostructure. Fig. 7(a) shows the voltage
dependent responsivity of detector-1 and detector-2 under an
illumination of 685 nm. The responsivity of the detectors

© 2023 The Author(s). Published by the Royal Society of Chemistry
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Fig. 7 (a) The voltage dependent photo-responsivity of the detectors under an illumination of 685 nm, (b) the spectral response of the detectors in

the wavelength range of 300-1300 nm, measured at an applied bias of —3 V with light intensity of 0.1 mW cm™2, (c) the voltage dependent
specific detectivity of the detectors under an illumination of 685 nm, and (d) the voltage dependent sensitivity of the detectors under an illumination

of 685 nm.

increases with applied reverse bias voltage, which is due to the
increase in photocurrent. At higher applied reverse bias voltage,
the photo-generated charge carriers are effectively separated
due to the presence of the high internal electric field at the
In,Se;/Si interface, which resulted in high photocurrent. More-
over, the responsivity of detector-2 is significantly higher than
that of detector-1 because of the top rGO layer, which further
reduces the recombination of the photo-generated charge
carriers due to its efficient hole transporting properties. The
values of R, were found to be 4.6 and 9.5 A W~ for detector-1
and detector-2, respectively, under the illumination of 685 nm
at an applied bias of —3 V. Fig. 7(b) shows the spectral response
of the detectors in the wavelength range of 300-1300 nm,
measured at an applied bias of —3 V with light intensity of
0.1 mW cm 2. The detectors showed a peak detection at around
A =685 and 900 nm, corresponding to the optical absorption
edge of In,Se; and Si, respectively. The values of R; for detector-1
and detector-2 were ~9 and 27 A W', respectively, under the
illumination of 900 nm at an applied bias of —3 V. In addition,
the detectivity (D*) of the photodetectors is estimated using

© 2023 The Author(s). Published by the Royal Society of Chemistry

the relation,>®**! D* = R,/(2¢]4)"/?, where R; is the responsivity of
the photodetectors and J, is the dark current density. Fig. 7(c)
shows the voltage dependent detectivity of detector-1 and
detector-2 under the illumination of 685 nm, which shows a
maximum detectivity at an applied bias of —1.5 V. The D*
values of detector-1 and detector-2 were found to be ~1.18 x
102 and ~2.55 x 10'* cm Hz"> W™, respectively, at an applied
bias of —1.5 V. Moreover, the sensitivity of the detectors,
as defined by the ratio of photocurrent to the dark current, is
calculated using the relation,>*' Sensitivity = I,n/Igark, Where
I, and Igq are the photocurrent and dark current of the
detector, respectively. The voltage dependent sensitivity of the
detectors is shown in Fig. 7(d), which shows a maximum
sensitivity at an applied bias of —1 V. The sensitivities of the
detectors were found to be 17.5 and 26.3 for detector-1 and
detector-2 at an applied bias of —1 V, respectively.

In order to further investigate the photo-response charac-
teristics of the detectors, the temporal response of the devices
has been investigated. Fig. 8(a) depicts the temporal response
of the detectors under the illumination of 685 nm at an

Mater. Adv,, 2023, 4, 596-606 | 601


http://creativecommons.org/licenses/by-nc/3.0/
http://creativecommons.org/licenses/by-nc/3.0/
https://doi.org/10.1039/d2ma00918h

Open Access Article. Published on 06 dicembre 2022. Downloaded on 16/07/2025 05:28:32.

Thisarticleislicensed under a Creative Commons Attribution-NonCommercial 3.0 Unported Licence.

(cc)

View Article Online

Materials Advances Paper
10 ] 2‘ 3 (b) —>-Detector-1
{(a) —— Detector-1 —— Detector-2 -
J R A — — — — o
T ™ ™ m S 2
X 1% d
~ = ~100 ~
s § 1 ms 100 ms
= W [ A [ [y (S [ A (N E
“.’c So
— 0 20 40 60
X " Time (s)
E 1 b g 6 (c)—o-Detector-2
£ ] s
L=) X N g d
1 L H 2 31 ~100 ms ~100 ms|
i au S 2
— = -~ = = b = 5 (1} —— !
-t v r vt rr y T
0 50 100 150 200 250 300 350 400 450 Mime )
Time (s)

Fig. 8

(a) The temporal response of the detectors under the illumination of 685 nm at an applied bias of —3 V on semi-log scale, (b) zoomed-in view of

one ON/OFF cycle of detector-1, and (c) zoomed-in view of one ON/OFF cycle of detector-2.

applied bias of —3 V. The temporal response remains identical
after several cycles, confirming the excellent stability of the
photodetectors. At the onset of illumination of 685 nm, the
current increases and saturates within the response time.
After the illumination is tuned off, the current returns to its
initial value within the recovery time. Here, the response and

recovery times of the detectors were found to be ~100 ms,
which is not accurate as the time interval between two data
points is ~100 ms.

In order to estimate the precise response and recovery times,
we have used an ultrafast time measurement setup, which is
shown in Fig. 9(a). The transient response of the detectors
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Fig. 9

frequency of 500 Hz, and (c)-(f) the response and recovery of detector-
of 500 Hz.

602 | Mater. Adv, 2023, 4, 596-606

(@) An ultrafast time measurement setup, (b) the transient response of the detectors under a pulsed light source of 685 nm with a

1 and detector-1 under a pulsed light source of 685 nm with a frequency

© 2023 The Author(s). Published by the Royal Society of Chemistry


http://creativecommons.org/licenses/by-nc/3.0/
http://creativecommons.org/licenses/by-nc/3.0/
https://doi.org/10.1039/d2ma00918h

Open Access Article. Published on 06 dicembre 2022. Downloaded on 16/07/2025 05:28:32.

Thisarticleislicensed under a Creative Commons Attribution-NonCommercial 3.0 Unported Licence.

(cc)

Paper

View Article Online

Materials Advances

Table 1 Comparison of figures-of-merit of our device with the various 2D-layered heterostructure-based photodetectors reported in the literature,
considering the significance of large area deposition of 2D materials for large scale production

Photodetector Bias voltage (V) /. (nm) R, (AW D* (Jones) Tg/Tq (mS)
y-In,Se;/n-Sit” 0 808 0.57 2.6 x 10*? 0.035/0.115
Graphene/In,Se;>® 0.35 1550 1.17 — 1.76/1.86
In,S;/CIGS™* -1 870 2.06 2.3 x 10" —
n-In,S;/p-Si** 2 750 0.68 2.5 x 10" —
MoS,/p-Si*® 0 532 0.253 1 x 10° 85/136
n-MoS,/n-Si*® -2 650 11.9 2.1 x 10*° 0.030/0.071
MoS, Schottky MSM*” 10 532 0.57 1 x 10" 0.07/0.11
MoS, Schottky MSM*® 3 532 0.55 — 0.2/1.7
WS,/Si*° 0 980 0.224 1.5 x 10'? 0.016/0.029
rGO/In,Se,/Si -3 A =685 R,=9.5 2.39 x 10"? 0.04/0.09
(This work) A =900 R, =27
10
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Fig. 10

(a) The variation of the photocurrent of the detectors with illuminated light intensity at an applied bias of —3 V and (b) the variation of the photo-

responsivity of the detectors with illuminated light intensity at an applied bias of —3 V.

using an ultrafast time measurement under a pulsed light
source of 685 nm with a frequency of 500 Hz is shown in
Fig. 9(b). The time constants of the detectors were estimated by

fitting the transient response with the following equations,*"*>
V(t) = Vaark + A{1 — exp[(t, — 8)/1,]} (1)
and
V(£) = Vaare + A{1 — exp[(to — £)/7q]} (2)

where Vg, is the dark photo-voltage, A is the scaling constant,
t, is the time when the illumination was switched ON or OFF
and t4/tq are the response/recovery times, respectively. The
fitting of the transient responses with eqn (1) and (2) for
detector-1 and detector-2 is shown in Fig. 9(c)—(f). In detector-
1 and -2, the response/recovery times were 60/230 ps and
40/90 ps, respectively. In the present case, the fast temporal
response in detector-2 could be due to the efficient hole
transporting properties of the top rGO layer and the presence
of a high internal electric field at the In,Se;/Si interface.
In Table 1, we have summarized the key figures-of-merit of
our device and compared it with the various 2D-layered/Si
heterostructure-based photodetectors reported in the literature,

© 2023 The Author(s). Published by the Royal Society of Chemistry

considering the significance of large area deposition of 2D
materials for large scale production.

The variation of the photocurrent with illuminated light
intensity at an applied bias of —3 V is shown in Fig. 10(a). The
photocurrent of the detectors increases with increasing light
intensity with a power law,” Iy, oc P’, where I, is the
photocurrent of the detectors and 0 is an exponent which
determines the conduction process of the photo-generated
charge carriers. In Fig. 10(a), we observed two linear regions
(region-I and region-II). In region-I (where, the power density of
the illuminated light is low), the values of 0 are 1.61 and 1.77
for detector-1 and detector-2, respectively. The high value of 0
(greater than unity) in region-I suggests the effective separa-
tion of photogenerated charge carriers across the depletion
region,”* which resulted in an enhance photocurrent and
thereby the responsivity of the detector is increased as illu-
strated in Fig. 10(b). In region-II (where, the power density of
the illuminated light is high), the values of 6 are 0.03 and 0.18
for detector-1 and detector-2, respectively. Here, the non-unity
value of 0 in region-II suggests a complex recombination or
scattering of the photogenerated charge carriers due to more
population density of the photogenerated charge carriers,”*

Mater. Adv., 2023, 4, 596-606 | 603
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which resulted in a decrease in the responsivity of the detec-
tors, as shown in Fig. 10(b).

V. Conclusion

In conclusion, we have demonstrated a high performance rGO
decorated y-In,Se;/Si heterostructure-based broadband photo-
detector ranging from 400-1200 nm. The rGO/y-In,Se;/Si
heterostructure showed an enhanced photo-responsivity of
~9.5 and ~27 A W' under the illumination of 685 and
900 nm, respectively, at an applied bias of —3 V. In addition,
the heterostructure showed high sensitivity with fast response/
recovery times (40/90 pus). The enhanced figures-of-merit of the
rGO/y-In,Se;/Si heterostructure are due to the increase in
optical absorption of incident light and efficient hole transport-
ing properties of the top rGO layer, which effectively reduces
the recombination of the photogenerated charge carriers.
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