Downloaded viaNATL INST FOR MATLS SCIENCE (NIMS) on April 30, 2025 at 09:54:50 (UTC).
See https://pubs.acs.org/sharingguidelines for options on how to legitimately share published articles.

NANO ETTERS
This article is licensed under CC-BY-NC-ND 4.0 @ @ @ @

pubs.acs.org/NanoLett

Quantum Sensitive, Record Dynamic Range Terahertz Tunnel Field-
Effect Transistor Detectors Exploiting Multilayer Graphene/hBN/
Bilayer Graphene/hBN Heterostructures

Leonardo Viti,* Lili Shi, Kenji Watanabe, Takashi Taniguchi, and Miriam S. Vitiello*

Cite This: Nano Lett. 2025, 25, 6005-6012 I: I Read Online

ACCESS | [l Metrics & More | Article Recommendations | @ Supporting Information

ABSTRACT: Sensitive photodetectors showing large quantum efficiencies and Responsivity (V/W)
broad dynamic ranges are essential components for on-chip integrated photonic
quantum platforms and for probing quantum correlations in metrological
sources. However, at terahertz (THz) frequencies, this is a very challenging task
owing to the lack of high-absorption materials and thermal effects that impact
their noise figure. Here, we develop antenna-coupled tunnel field-effect
transistors, based on multilayer graphene/hBN/bilayer graphene/hBN that |
detect multiwavelength beams at frequencies ~3 THz with record performances. ) T
We reach noise-equivalent powers of ~107'> WHz ™'/, a power dynamic range 3 VBGO(V) 3
exceeding S orders of magnitude, limited by the maximum output power (0.8

mW) of the employed source, and a minimum detectable power at the nW-level, in a frequency-scalable device architecture. Our
results open intriguing perspectives for the statistical analysis of quantum intensity correlations in nonclassical light sources operating
in the underexploited THz frequency gap, between technologically mature domains (microwave, visible, near-infrared) that currently
dominate the field of quantum technologies.

KEYWORDS: Quantum detectors, terahertz, graphene, scalable nanodevices

he quest for far-infrared (FIR) (1—15 THz) photo- possibility of being assembled with layer-by-layer control,
detectors providing quantum enhanced sensitivity and enabling the realization of layered material heterostructures
high saturation intensities (>1 W/cm?) is currently driving (LMHs) with novel and distinctive functionalities."® Specifi-
extensive research efforts in astronomy,’ spectroscopy,” and cally, controlling the twist angle between consecutive graphene

quantum information.” Traditional technological platforms,
such as cryogenically cooled radiation detectors, have been
dominant for decades. These detectors primarily rely on
superconducting hot electron bolometers (HEBs)," super-
conducting transition-edge sensors (TESs),” and kinetic
inductance detectors (KIDs),""® operating at sub-Kelvin
temperatures. These technologies have evolved over time,

layers (their relative crystallographic orientations) allows for
the realization of twisted-magic-angle bilayer graphene (BLG),
which exhibits superconducting behavior. This property has
been leveraged in the development of ultrasensitive THz
nanocalorimeters.'*

A challenge in developing FIR photodetectors is achieving

achieving the astrophysical photon noise limit, with a noise both high sensitivity (low NEP) and a large dynamic range.
equivalent power (NEP, power required to obtain a unitary The operation of superconductor-based devices is typically
signal-to-noise ratio) as low as 1072° WHz /27 As a result of limited to optical powers of ~100 pW due to radiation-induced
these advancements, PhOtOD counting in the terahertz (THZ) saturation,ls This limitation can hinder their use in
frequency range has become possible, "’ and the demonstration applications where photon statistics are measured, for instance,

of single THz photon detection has been recently reported, in
a narrow band, around 1.5 THz, using quantum capacitance
detectors (QCDs)."!

Alongside these established technologies, new material
platforms and innovative device concepts have been proposed
to address the challenge of sensitive photodetection, mostly at
high (>3 THz) frequencies. For example, two-dimensional
(2D) graphene has been recently used to realize a HEB based
on a superconductor—graphene—superconductor (SGS) junc-
tion,"? achieving NEP =~ 3 X 1072 WHz /2. Furthermore,
atomically thin layered van der Waals materials offer the

in the evaluation of quantum intensity correlations between
optical modes,'® or in the detection of squeezed states of

light.17
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Figure 1. (a) Optical microscope image of the assembled layered materials heterostructure. The top-hBN flake is 15 nm thick, and the bottom hBN
flake is 40 nm thick. (b) False color SEM image of the devised TFET. The bow-tie antenna is connected to the source and top-gate electrodes. (c)
Schematic diagram of the BLG—FET active element, indicating the different materials composing the device and the electrical scheme adopted for
electrical and optical characterizations. The gating scheme is indicated on the left-hand side. (d) Schematic longitudinal cross-section of the active
element, showing five different regions along the BLG channel, which can be described as a series of resistors. The S and D contacts have intrinsic
contact resistance (R.,,,). The regions not covered by the top-gate are only influenced by the MLG bottom-gate with resistances Rg and Ry, at the
source and drain sides, respectively. The resistance of the central region (R¢) is influenced by the combined action of the two gates.

Interestingly, 2D materials may provide a valuable solution
in this respect. In particular, photodetectors based on single-
layer graphene (SLG) and bilayer graphene (BLG) have
shown large dynamic ranges (up to 4 orders of magni-
tude)'®**° due to their high saturation currents and efficient
electron coolin% dynamics (electron-optical phonon scattering
time of ~1 ps”'"*?).

Additionally, BLG, which is a gapless semiconductor in its
pristine form, allows for the induction and tuning of an energy
gap (Eg) in its band structure through interaction with a
substrate® or by applying an external out-of-plane electric
field.”* This field can be generated, for example, by breaking
the out-of-plane inversion symmetry with a neighboring
crystal, inducing a finite E, by proximity. This crystal field
has been used to activate a THz gap (Eg =10 meV*>) in large-
twist-angle double BLG heterostructures, leading to the
development of ultrabroadband photovoltaic detectors with a
frequency coverage spanning from the THz to the near-
infrared range.”

Importantly, the bandgap of BLG can also be adjusted by an
out-of-plane electric field, controlled by external dual-gate
electrodes.””*® This configuration has been used to realize
tunnel field-effect transistors (TFETs) based on BLG, which
operate as sensitive photodetectors (NEP ~ 30—300 X 107"
WHz'/2) at frequencies around 100 GHz in single-top-gated”’
or top p—n junction3'0’3’1 configurations.

Here, we propose to employ TFETs as a technological
approach for quantum-sensitive THz receivers targeting
frequencies (3 THz) higher than those reported in previous
works,””™*" where a sensitivity drop typically occurs. By
selecting BLG as the core active material, we demonstrate the
powerful and broadband capability of the TFET device
concept, in a spectral range never addressed so far, and with
state of the art performances.

The proposed photodetector comprises a multilayer
graphene (MLG)/hexagonal boron nitride (hBN)/BLG/hBN
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heterostructure and exploits the tunability of the energy gap of
BLG to create a lateral tunnel junction between the gated and
ungated portions of the BLG—FET channel. By exploiting the
junction nonlinearity, it rectifies the incoming THz radiation.
The subwavelength TFET channel is coupled to the impinging
radiation via a planar bow-tie antenna, specifically designed to
be resonant at 3 THz. Remarkably, the proposed concept is
frequency scalable, from 0.1 to 10 THz, across the entire sub-
THz and FIR ranges. Importantly, in our geometry, the
antenna is asymmetrically coupled to the source (S) and top-
gate (TG) electrodes, enabling zero-bias operation of the
tunnel-junction rectifier.

The demonstrated capability of TFETs to operate as
quantum sensitive photodetectors at frequencies of ~3 THz,
combined with the inherent frequency scalability of this device
concept, offers concrete perspectives for detecting nonclassical
states of THz light that could be generated by THz quantum
cascade laser (QCL) frequency combs. This opens up exciting
opportunities for developing THz quantum platforms based on
solid-state devices. A state-of-the-art combination of perform-
ances is demonstrated, achieving a minimum NEP of 1072
WHz "% and a dynamic range exceeding 5 orders of
magnitude, limited by the maximum output power (0.8 mW)
of the employed QCL source.

All flakes used for the MLG/hBN/BLG/hBN heterostruc-
ture assembly are mechanically exfoliated from bulk crystals
(Supporting Information). In order to implement a dual-gated
architecture, we positioned BLG, encapsulated in hBN, on a
thin MLG (8—10 layers) flake, which serves as back-gate (BG)
electrode. hBN—BLG—hBN heterostructures are assembled
using a standard dry-transfer technique,”>*” as described in the
Supporting Information. An optical image of one of the
assembled LMHs, transferred onto a Si/SiO, substrate, is
shown in Figure la. After the LMH assembly, the antenna-
coupled BLG-FETs are fabricated following the procedure
described in the Supporting Information. Figure 1b displays a
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Figure 2. (a) Isotherm curves showing channel resistance of S#2 as a function of top-gate voltage (Vrg), acquired at three different values of Vpg:
+3 V (red lines), 0 V (blue lines), and —4 V (green lines). The curves for two additional values of Vyg (—6 V and +5 V) are reported in the
Supporting Information. The temperature is changed from 4 K (darker lines) to 310 K (brighter lines), sweeping through the values (4, 20, 40, 80,
120, 160, 200, 240, 280, 294, and 310 K). The vertical dashed lines indicate specific values of the displacement field (D), which is responsible of the
bandgap opening in BLG. Since the contact resistance (R.,,.) changes as a function of temperature (see Supporting Information), its value has been
subtracted from the data in (a). (b) Scatter plot of the resistance peak as a function of the inverse of the temperature (Arrhenius plot) evaluated at
four different values of the displacement field (Dy). (c) Zoom of the graph in (b) in the region of temperatures where the slope of In(R,,,) vs 1/T
is linear (40 K: 200 K). In this region, we apply a linear fit to In(R,,,,) to evaluate the energy gap.

false-color scanning electron microscope (SEM) picture of one
of the investigated devices. The BLG—FET channel is shaped
as a rectangle, with length L. = 6 ym and width W, = 3 um,
and is connected to the source (S) and drain (D) electrodes.
The top-gate (TG) electrode is electrically isolated from the
BLG channel by the top-hBN flake and a 30 nm thick layer of
HfO, grown by atomic layer deposition (ALD). The THz
bow-tie antenna has a radius of 21 ym, set to be resonant with
3 THz radiation.”® These dimensions are selected following
the results of electromagnetic simulations performed with a
commercial software (COMSOL Multiphysics®®), based on a
finite elements method. This system configuration entails a
relatively simple device circuitry, as shown schematically in
Figure lc: two hardware switches enable the selection between
electrical and optical characterization experiments. We study
two devices, S#1 and S#2. A description of their geometrical
parameters is reported in the Supporting Information.

To investigate the performance of the photodetector at low
temperatures, we mounted the device in a He flow cryostat
(Janis Research) with THz optical access and controllable
heat-sink temperature (T) between 4.2 and 300 K (room
temperature, RT). To ensure effective thermal contact between
the cryostat’s copper cold unit and the silicon substrate, the
sample is soldered onto a copper-carrier using an indium-based
soldering alloy (Indium Corporation, PT1290/84/F).

We examine the impact of vertical electrostatic gating on the
BLG bandgap by studying electron transport through the BLG-
channel at cryogenic temperatures. This electrical character-
ization is performed by independently controlling the source—
drain bias (Vgp), the back-gate voltage (Vgg), and the top-gate
voltage (Vrg), and measuring the current at the D electrode
(Isp) using dc source meters (Keithley, SMU-K2400). The
dependence of the two-terminal channel resistance (R) on
Vi measured at various T values for sample S#2, and at
different Vi, is shown in Figure 2a. The transport is strongly
affected by the out-of-plane displacement field (Dg), which
increases when the top- and back-gates have opposite polarities
(see Supporting Information). In particular, for IDd > 0.3 V/
nm, the maximum value of R (R,,,,) consistently increases as T
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decreases from 200 to 4.2 K, indicating a gap opening.’® By
analyzing the temperature dependence of R,,, it is possible to
quantitatively estimate the energy gap of BLG. The R,,(1/T)
trend reveals an activation behavior (Figure 2b,c) that follows
an Arrhenius-type dependence: R, = Ry + exp(E,/2kgT),
where kg is the Boltzmann constant. By conducting a linear fit
to the Arrhenius plots in the temperature range between 40
and 200 K, we estimate E, =72 meV for Dy = 0.3 V/nm, E =
8.5 meV for Dy = —0.3 V/nm, E, = 15.5 meV for D¢ = 0.47 V/
nm, and E; = 17.4 meV for D¢ = —0.46 V/nm, confirming the
presence of a gate-tunable bandgap in the BLG channel (data
for IDd > 0.4 V/nm are shown in the Supporting Information).
We note that the estimated E, values are a factor of ~2 smaller
than those expected for ultraclean BLG heterostructures at
similar [D{ values.””*® The observed discrepancy indicates the
presence of disorder-induced subgap states.”

We test the THz photoresponse performance of the TFET
using a focused beam generated by a 3 THz QCL. This allows
us to tune the average optical power (P,) at the detector
position up to ~0.8 mW (see Supporting Information). The
THz beam, polarized parallel to the TFET antenna axis, is
focused by using two lenses. For optical characterization, the
TFET photovoltage (Vo Figure Ic) is measured at the D
electrode using a lock-in amplifier (SR5210) after preampli-
fication (dLInstruments, model 1201, gain g = 1000). In order
to reduce the 1/f contribution to the detector’s noise figure,”
we electrically modulate the intensity of the QCL with a
square-wave envelope at a frequency of 7.333 kHz.

We used BLG-TFET to measure the intensity distribution in
the focal xy plane. Figure 3a shows the intensity profile as a
map of Vi, when P, = 100 yW. The visible Airy pattern
demonstrates the good sensitivity of the photodetector. We
calculate the beam spot area S, as the area of an ellipse with
major and minor axes given by the half-width at half-maximum
(HWHM) of the beam profiles along the x and y directions
(dashed lines in Figure 3a).

We obtain S, = 80 X 10~ mm?. Since the detector’s active
area is much smaller than S;, we estimate the fraction of optical
power impinging on the TFET as P, = (P*t) X (S,/S,), where
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Figure 3. (a) Lock-in signal (Vphom) measured by the TFET in the
focal plane, for P, = 100 W and T = 4.5 K. The 2 X 2 mm?® map is
acquired by translating the optical cryostat using a heavy duty xy
mechanical stage (Physik Instrumente, LS180). The profiles at the
center of the beam (dashed lines) give beam waists of 400 and 250
um along the x and y directions, respectively. (b) Responsivity curves
measured as a function of Vpg, obtained at various operating
temperatures. (c) Low-temperature Vihoto Plotted as a function of P,
in log—log scale, with Vg = —1 V and Vg = 0 V. The dashed line
represents a linear fit to the data. The shaded area represents the
experimental noise floor (~20 yV) on the lock-in amplifier. The error
bars indicate the amplitude of the background signal (THz light off)
summed to the root-mean-square deviation of the measured
photovoltage.

t = 0.5 represents the transmittance through the high-density
polyethylene (HDPE) cryostat window, S; = 1?/4 represents
the diffraction-limited area®® (see Supporting Information),
and the value of the ratio S,/S; is approximately 50. We then

evaluate the voltage responsivity using the expression:”**'
22 4 Vhoo
R, = V2 (z/4) o _Phot
4 L, ey
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where the factor 2 accounts for the peak-to-peak magnitude,

2 originates from the root means square amplitude of the
lock-in amplifier, and 7/4 represents the fundamental sine
wave Fourier component of the square-wave produced by the
square-wave envelope used to modulate the QCL.

Figure 3b shows the plot of R,(Vyg) acquired at various
temperatures for sample S#1. The responsivity increases as T is
lowered, as a result of the sharper nonlinearity in the channel
resistance (see Supporting Information).2 It reaches a
maximum value of approximately 0.6 kV/W near the CNP
for T = 4.5 K. We note that in this measurement, the top-gate
voltage is not employed, Vg = 0 V; thus, the displacement
field weakly departs from zero, and the photoresponse is
dominated by the resistive self-mixing effect, as discussed in
detail in the Supporting Information.

We then characterize the dynamic range of the detector by
sweeping the QCL power from zero to P, = 800 yW. The
TFET can detect a minimum optical power of ~5 nW
(through the cryostat window) and its response is nearly linear
over the entire range of investigated powers, showing a close to
unity power-dependence V., & P/, with y = 0.96 (Figure
3c). It is worth noting that the high-power limit of the dynamic
range for the investigated BLG-TFET detector is determined
by the maximum power of the QCL, which represents an
intrinsic limitation of our experimental setup.

To investigate how the electrical transport and photo-
response are influenced by the combined action of the two
gates, we map Iy and the responsivity as a function of V1 and
Vig. The transport map shown in Figure 4a, relative to sample
S#1, reveals two minima, corresponding to two distinct CNPs:
a fixed one (CNP,), described by a vertical line at Vg &~ —1.5
V, and a top-gate-tunable one (CNP,), represented by a
diagonal line. We attribute the presence of these two CNPs to
the existence of two distinct regions along the BLG channel.
Indeed, in our geometry, the top-gate electrode is narrower
than the bottom gate, which acts on the BLG regions near the
S and D contacts (Figure 1d). These regions are not affected
by Vig and their transport tunability by Vg is proven by
CNP,. Conversely, the diagonal line marks the shift of CNP,
under the simultaneous influence of the two gates, in the
double-gated region of BLG, with a slope determined by the
ratio of the gate lever arms (see Supporting Information).*®
Based on this understanding, we can identify four distinct
doping regions in the map of Isp(Vpg,Vrg): n—p, n—n, p—n,
and p—p, with the first letter denoting the dual-gated area.

For sample S#1, a strong correspondence is visible between
the Isp(Vyg Vrg) and R(Vgg,Vrg) maps (Figure 4ab). A
significantly larger photovoltage signal is observed when the
p—n junction is active, whereas a much smaller signal is
detected in other regions. Importantly, this responsivity pattern
differs from what is typically observed in the photothermo-
electric (PTE) effect, which would instead result in a 6-fold
pattern.'”*"** Instead, the retrieved pattern aligns with those
found in similar single-top-gate TFETs operating at lower
excitation frequencies.”” We note that for sample S#1, a small
increase in resistance is visible when moving along the line
marked by CNP2. This is related to the reduced bandgap
opening effect under the influence of Dy, which we attribute to
a inadequately clean LMH: residual impurities and defects can
lead to the presence of disorder-induced subgap states.”®

The situation is different for sample S#2, where R increases
for larger displacement fields along the diagonal line CNP2
(Figure 4c), with Igp changing by 2 orders of magnitude
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Figure 4. (a) S#1: electrical transport characterization at 4.5 K: Ig;, map measured as a function of Vi (span from —9 V to +3 V) and V¢ (span
from —4.5 V to +4.5 V). Different junction configurations are highlighted (p—p, n—p, etc.). (b) S#1: voltage responsivity map measured as a
function of Vi and V. (c) S#2: electrical transport characterization at 4.5 K: Iy map measured as a function of Vi (span from —6 V to +6 V)
and Vg (span from —7 V to +7 V). (d) S#2: R,(Vpg,Vrg). In this case, a 6-fold pattern appears, indicating a thermoelectric contribution to the
photodetection. Colored boxes indicate regions at high displacement fields near CNP2. (e) Map of the first derivative of R,(Vyg,Vrg), with respect
to Vpg. Oscillations are visible in the background, appearing as diagonal lines, almost parallel to the sign-change line at CNP2. (f) Maximum
responsivity measured in the boxes in (d), plotted as a function of Vyg. R, increases for larger displacement fields.

between different regions of the Ign(VpgVig) map. The
R,(VggVrg) map shown in Figure 4d presents different
features compared to those of device S#l. First, a 6-fold
pattern is visible, indicating a photothermoelectric contribution
to the response.’”** Second, distinctive features appear in the
map, represented by faint diagonal lines, almost parallel to the
main sign change along CNP2. These features clearly emerge
in the map of the first derivative of R, (Figure 4e) and can be
linked to the excitation of plasmonic resonances in the gated
BLG channel, in agreement with previous findings in high-
quality SLG- and BLG-based THz detectors.”>** Importantly,
R, increases when gate voltages are swept along the CNP2 line,
away from the map center, ie., for increasing displacement
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fields (Figure 4f). This can be explained by the onset of
tunnelling rectification, which is expected to increase for large
D;*’ Therefore, we conclude that three rectification mecha-
nisms contribute to the R,(VpgVrg) map of S#2: photo-
thermoelectric effect, plasmonic, and tunneling rectifications.
We eventually calculated the NEP of the BLG-TFETs. For
this purpose, we assume that the noise spectral density (NSD),
which is the amount of noise power per unit bandwidth, is
primarily due to thermal fluctuations. This assumption is valid
because of the high modulation frequency (7.333 kHz) used in
our experiments.36 Using the expression NEP 1/R, X
(4kzRT)Y%* and the values of R and R, extracted from the
maps in Figure 4a—d, we estimate a minimum NEP of 1.1 X
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1072 WHz ™"/ for S#1 and of 1.3 X 107> WHz"/* for S#2.
These values are not competitive with respect to the
sensitivities of more established and technolo%ically mature
commercial devices, such as HEBs,” QCDs,"" and KIDs,”
exhibiting NEPs < 1072 WHz /2. However, the TFET device
concept could serve as a complementary technological
platform, allowing for less stringent cooling requirements and
covering a range of input powers (above ~100 fW’") that are
not accessible with superconductor-based devices. Indeed,
HEBs show typical saturation powers of ~10 pW—100 pW
(depending on the absorbing element dimensions), QCDs
operate within a power range of 1072 W to 10™° W,"" and
KIDs exhibit a dynamic range from ~100 zW to ~100 fW.* In
particular, the large dynamic range (>5 orders of magnitude)
demonstrated in this work, combined with an almost linear
dependence of the photoresponse on input intensity, makes
the proposed TFETSs a suitable direct detector system for
measuring intensity correlations between high-fluence optical
modes at frequencies of ~3 THz.

We have conceived and devised THz frequency quantum
detectors based on MLG/hBN/BLG/hBN heterostructures
embedded in a TFET architecture, operating as sensitive
photodetectors at ~3 THz, with a wide and setup-limited
dynamic range exceeding 5 orders of magnitude. The retrieved
NEP is ~10~'> WHz'/2, with a minimum detectable power at
the nW level. The design is frequency scalable across the entire
2—4.5 THz range of available quantum laser sources, e.g,
miniaturized frequency combs, and suitable to be combined
on-chip with coplanar striplines and bandpass filters,
potentially pushing their speed limit at the sub-ns level.””
We envision several design strategies to further enhance the
performance of this study. For example, using a double-top-
gate geometry allows for the creation of an additional p—n
junction at the center of the BLG channel, inducing a strong
and bandgap-tunable PTE response, which can increase the
sensitivity of the detector by approximately five times
compared to the single-top-gate scheme.’’ Implementing a
better optical coupling scheme, such as silicon lens coupling,
could also improve the responsivity. Additionally, it is
noteworthy that BLG is progressively becoming a mature
material platform, with the potential of synthesis through low
pressure chemical vapor deposition (LP-CVD)** and integra-
tion into high-quality LMHs.** This advancement could shift
BLG-TFET technology from laboratory-based fabrications and
experiments to a more technologically mature domain, opening
up perspectives for extensive use in the fields of FIR quantum
optics and quantum communications.
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