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The low cost and ease of fabrication of organic electronics is often overlooked due to their lower
performance parameters and poor stability under atmospheric conditions. Thus, steps need to be taken
to improve technology in meaningful ways to compete with their inorganic counterparts. In this context,
the integration of plasmonic materials and nanostructures into the channel or gate dielectric of organic
field transistors (OFETs) enables improvements in the performance and function of phototransistors,
transistor-based optical memory devices, organic light emitting transistors (OLETs) and organic
electrochemical transistors (OECTs). Plasmonic nanoparticles have been used to fabricate the floating
gate of FET memory devices and generate adaptable shifts in the threshold voltage. The detection
sensitivity of OECTs was enhanced by the local electromagnetic field enhancement effect and improved

Received 28th October 2024, electron transfer effect associated with gold nanoparticles integrated into the OECT. Schottky barrier
Accepted 1st May 2025 phototransistors integrated with chiral plasmonic nanoparticles enable detection of circularly polarized
DOI: 10.1039/d4tc04595¢ light. In OLETSs, integration with surface plasmons improves local electroluminescence yields as well as

the directionality of emission and the light outcoupling efficiency. Graphene plasmons achieved strong
rsc.li/materials-c confinement of THz radiation and thus enabled gated terahertz detectors.
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to the previously used liquid crystal displays (LCDs)."™ The
AMOLED (active-matrix OLED) displays employ an array of thin
film transistors (TFTs) which control each pixel of the display
and offer better resolution.>” Besides displays, organic electro-
nic devices are also used in other technologies such as sensors,
phototransistors, non-volatile memories, electronic textiles,
wearable phototherapeutics and most recently in recording
neuronal and brain activities.* '® Sustained interest in organic
transistors was sparked by the invention of a melanin based
bistable switch by McGinness et al.'” and shortly thereafter, the
discovery of high conductivity in doped polyacetylene by Shir-
akawa et al. in 1977,"® for which the Nobel Prize in Chemistry
was awarded in 2000. The 1980s witnessed a flurry of activity in
organic electronics and in 1986, Mitsubishi engineers Koezuka,
Tsumura, and Ando reported the first organic field effect
transistors (OFETs) based on polythiophene molecules.*®
Since organic semiconductors are bonded by weak van der
Waals forces, the fabrication methods for thin film organic
electronic devices are not as complex as those for inorganic
semiconductors, the latter requiring conditions of extreme
temperature and/or pressure in processes such as molecular
beam epitaxy, chemical vapor deposition and single crystal
growth. In addition, the decreased weight of organic semicon-
ductors compared to Si based materials allows them to be used
in lightweight and flexible electronic devices. However, the
performance limitations of the organic transistor are still a
matter of discussion in electronics research. For example,
carrier mobilities and maximum drive current densities in
organic thin film transistors (OTFTs) are inferior to their
inorganic counterparts by a factor of 10-100.>° In spite of
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recent interest in organic bipolar transistors,”" the overwhelm-
ing majority of transistors with active layers consisting of
n-conjugated small molecules or polymers are organic field
effect transistors (OFETs) with metal source and drain electrodes
and an insulating gate dielectric.”>>> Other technical problems
associated with the use of organic semiconductors include
engineering highly crystalline films with large sized grains, high
sensitivity to ambient conditions and the unavailability of tradi-
tional doping methods to achieve a certain conduction type and
conductivity.>*>*?° Processing additives as well as improved
solution process techniques have positively impacted both the
performance and ambient stability of OFETs.>”>° Different
techniques to further enhance the performance of organic
transistors are currently being explored. One such method is
integrating coinage metal nanoparticles exhibiting localized sur-
face plasmon resonances (LSPR) at visible and near-infrared
(NIR) wavelengths with organic transistors.

Metals and quasi-metals are treated as plasmas given their
positive ions are fixed in the lattice and a large number of
delocalized negative charges (electrons) are free to move across
the fixed positive ions. Under the influence of an applied
electromagnetic field, the electron gas in a metal is displaced
from the center of positive charge, resulting in a non-zero
dipole moment. The positive ion background will then exert a
restoring force on the electron gas, causing oscillations. The
resonant frequency of these oscillations is called the plasma
frequency, and the quantized plasma oscillations are known as
volume (or bulk) plasmons. These volume plasmons arise in
the bulk of the material and do not couple directly to transverse
electromagnetic waves (such as light). At the dielectric-metal
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Fig. 1 Surface plasmons (a) propagating along a metal/dielectric medium and (b) confined to a single nanoparticle. The need for a grating or a prism is
shown in (a) to allow wavevector matching of the incident light to the resonance of the surface plasmon. In contrast, the nanoparticle in (b) allows both
scattering of the incident light and an enhancement of the electric field in and close to the surface of the nanoparticle. Republished with permission of
the Royal Chemical Society, from ref. 35; permission conveyed through Copyright Clearance Center, Inc.

interface, that is at the surface of the metal, incident electro-
magnetic waves can couple to surface plasmons to form surface
plasmon polaritons (SPPs), as shown in Fig. 1(a).>*° The cou-
pling has both a longitudinal and transverse mode, meaning
for an SPP to couple to any incoming light care must be taken
in preparing the metal surface to match the wave vector of the
light using gratings or prisms. In contrast, excitations of sur-
face plasmons can also be non-propagating if the applied
electromagnetic field couples to the electrons of a metal or
quasi-metal nanoparticle (NP).>*" These excitations are known
as localized surface plasmons. The curved shape of the sub-
wavelength nanostructure both allows the direct excitation
from light (without any surface preparation) to create charge
density oscillations at the metal-dielectric interface, a phenom-
enon which is known as localized surface plasmon resonance
(LSPR). Due to squeezing of electromagnetic energy previously
carried by a photon into a much smaller mode volume at the
nanoparticle surface, LSPR results in an enhancement of the
electric field at the NP surface and in proximity to it as
illustrated in Fig. 1(b).**** The magnitude of this enhancement
depends on the shape, size, type of metal, distance between the
individual NPs, and dielectric environment.**

Along with the enhancement of the local electric field due to
surface plasmon coupling either from SPPs or LSPR, surface
plasmons are also able to concentrate light well past the diffraction
limit.*® The dephasing of plasmons generates hot carriers with
thermal equilibration times in the picosecond range.*”** These
properties of plasmons have been demonstrated to enhance the
optoelectronic properties of inorganic and organic devices for
applications such as waveguides,***' photodetectors,*** increas-
ing power conversion efficiency in solar cells,***® driving chemical
reactions,””*® sensors,*® and actuators.”’™* The plasmon-
mediated increase in oscillator strength also serves to enhance
the fluorescence and Raman scattering signals.””™’

Cu, Al, Au, and Ag are commonly used as plasmonic materi-
als given their surface plasmon resonances occur at visible and
near-infrared wavelengths.”®*® Although Au and Ag are expen-
sive noble metals compared to Cu and Al, they are still the
metals of choice for surface plasmon coupling given Cu and Al

This journal is © The Royal Society of Chemistry 2025

suffer from chemical instabilities in atmospheric conditions as well
as higher dielectric losses in the visible and near-infrared compared
to Au and Ag, with Ag exhibiting the least loss.*® Coinage metal-
free plasmon resonances are observed in nanoparticles and meta-
surfaces made of select chalcogenides and transition metal
nitrides.*® Certain degenerately doped semiconductors and 2D
materials also exhibit NIR plasmon resonances.®®

The inclusion of plasmonic nanoparticles in organic semi-
conductor films allows for efficient light trapping and hot carrier
generation resulting in higher current output from organic photo-
voltaic devices. Increases in performance parameters for different
plasmon-coupled organic electronic materials and devices such as
photoresponsivity and external quantum efficiency in organic
photodiodes and phototransistors, drain current in organic tran-
sistors, faster spontaneous emission in organic fluorophores, and
amplified light absorption capability in plasmon coupled organic
semiconductors have also been reported.

In this review, we present the results and effects from the
coupling of plasmons and organic semiconductors, with particu-
lar emphasis on plasmon-enhanced transistors. Five primary
applications of plasmon-coupled transistors are discussed in
detail: non-volatile memory devices using FETs, organic electro-
chemical transistors (OECTs) for sensing purposes, phototransis-
tors with OSC channels, organic light emitting transistors
(OLETs), and gated THz detectors exploiting graphene plasmons.
We also discuss the underlying operating principle of these
devices and compare performance metrics between pristine and
plasmon-enhanced organic transistors. Silicon-based complemen-
tary metal oxide semiconductor field-effect transistors (CMOS-
FETs) suffer from limitations related to performance and
functionality in the aforementioned applications. For instance,
Si does not emit light, lacks memory behavior, exhibits weak light-
matter interactions resulting in inefficient absorption and con-
comitant low e -h" pair creation, and is unable to respond to
terahertz fields. In this review article, we show that integrating
organic semiconductors (interpreted broadly to include graphene
and its derivatives) with plasmonic nanoparticles enables new
functionality and/or improved performance in niche optoelectro-
nic applications.

J. Mater. Chem. C, 2025, 13, 9951-9972 | 9953
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2. Plasmon-coupled organic FET
memory devices

OFET-based nonvolatile memory has attracted tremendous
research interest in the field of organic electronics due to reliable
data storage,'" nondestructive data readout and compatibility
with organic logic circuits and flexible organic electronics.®*”*
To boost the performance of the OFET memory, a floating-gate
architecture is advantageous because of good memory retention
and endurance, which are possible owing to the isolation of the
carrier transport and charge storage layers with a tunneling
dielectric in between them.”>”® Plasmonic NPs have been
employed to fabricate the floating-gate in an OFET memory
where the memory performance can be optimized by tailoring
the size, density, and assembly of the NPs. Both monometallic
and bimetallic plasmonic NPs have been used in the technical
literature to form the floating gate. A bimetallic architecture
produces an enlarged memory window in the OFET memory
compared to its monometallic counterpart.

The primary operating mechanism of OFET based memory
devices is based on the adaptable shift of the threshold voltage
(Va)”* A bottom-gate top-contact architecture based OFET
memory device is shown in Fig. 2(a), and consists of a
floating-gate implanted in the gate dielectric of the OFET in
conjunction with the controlling gate electrode. Upon applica-
tion of the programming voltage to the gate to source terminal
of the OFET, charges from the organic semiconductor channel

Fig. 2

b)
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layer are transferred to the floating-gate by direct tunnelling, or
Fowler-Nordheim tunneling.”>’® The threshold voltage Vg, of
the transistor is changed from its initial value due to the
charging of the floating-gate. The electric field exerted on the
organic semiconductor channel through the application of a
gate bias is altered due to the charges trapped in the floating-
gate. The trapped charges in the floating-gate do not dissipate
until an erasing voltage is applied because of the electrical
isolation of the floating-gate. This is the basic action of non-
volatile memory. On the other hand, when a voltage of opposite
polarity to the programming voltage is applied to the gate to
source terminal, the trapped charges on the floating-gate are
discharged to the channel semiconductor. This time the thresh-
old voltage Vy, shifts in the opposite direction as the charging
case. Consequently, a memory window is found in the OFET
transfer characteristics.

A schematic illustration of the plasmonic Au@Ag core-shell
nanorods (NRs) based OFET optical memory is shown in
Fig. 2(a). In this bottom-gate top-contact source/drain optical
memory device, the floating-gate consists of cetyltrimethylam-
monium bromide (CTAB) capped core-shell gold-silver bime-
tallic nanorods dispersed in a polyvinylpyrrolidone matrix
(PVPy-Au@Ag NRs) which acts as the charge trapping layer.
For the fabrication of the OFET optical memory, it is crucial to
employ broad spectrum photoresponsive materials. Au and Ag
NPs are extensively used in photonic devices exploiting the
localized surface plasmon resonance (LSPR) property.”® One of
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(a) Schematic illustration of OFET optical memory device (b) mechanism of carrier photogeneration, transport and trapping in the memory

device, (c) TEM image of low aspect ratio Au@Ag NRs (Au@Ag NRs (A)), simulated electric field distribution of Au@Ag NRs (A) in PVPy layer (d) longitudinal
and (e) transverse modes at 660 and 500 nm respectively and (f) UV-Vis spectra of the Au and Au@Ag NRs in aqueous solution. Reprinted (adapted) with

permission from ref. 77 Copyright 2022 American Chemical Society.
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the vital features of the Au@Ag core-shell structure is that the
plasmon resonance bands can be tuned/manipulated by varying
the size of the Au core or the thickness of the Ag shell. As a result,
a wide spectrum response ranging from the visible to near-
infrared can be achieved. A p-type pentacene thin film is used
as the channel material for the memory device owing to its
crystallinity and concomitant high field-effect mobility, particu-
larly when vacuum deposited onto polymeric gate dielectrics or
self-assembled monolayer-coated inorganic substrates. The plas-
monic enhancement of the optical memory and photodetector-
type response of the device occurs through two different
pathways. The first being the LSPR-mediated local field intensi-
fication resulting in higher optical absorption and exciton
production in the pentacene channel, and secondly through
selective trapping of photogenerated holes by the PVPy-Au@Ag
NRs (Fig. 2(b)). The higher light absorption in the pentacene
layer is due to the vertical extension of the longitudinal compo-
nent, at 660 nm of the Au@Ag core-shell electric field. The
generation, transport and trapping of photoexcited carriers in
the memory device are shown in Fig. 2(b). The transmission
electron microscopy (TEM) images of the low aspect ratio Au@Ag
NRs are depicted in Fig. 2(c), whereas the simulated longitudinal
and transverse electric field components are shown in Fig. 2(d)
and (e), respectively. The UV-Vis spectra of Au NRs, Au@Ag NRs
(A) and Au@Ag NRs (B) in aqueous solution are shown in
Fig. 2(f). The optical absorption of the pristine Au NRs exhibits
two distinct peaks corresponding to longitudinal and transverse
surface plasmon resonances at 800 nm and 500 nm respectively.

View Article Online
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The longitudinal LSPR peak of the Au@Ag core-shell NRs blue-
shifts with a decrease in aspect ratio of the Au@Ag NRs.

Fig. 3 demonstrates the electrical behavior of the Au@Ag
NRs-PVPy based floating-gate p-channel OFET-based memory
cells. In-Vg curves of memory devices in the programmed state
and erased state are shown in Fig. 3(a)-(e). Typically, vacuum
deposited pentacene films have a non-negligible concentration
of mobile holes at room temperature. When a programming
voltage of —50 V over a duration of 1 s is applied to devices
containing the plasmonic NRs, the transfer curve is dramati-
cally shifted in the negative direction indicating a decrease
(large negative shift) in Vi, due to the transfer of holes from
pentacene to the A u@Ag NRs enclosed in PVPy. The trapping of
holes in the Au@Ag NRs-PVPy layer ensures that a more
negative gate bias needs to be applied at the gate electrode to
create an accumulation region in the channel (ie. a more
negative value of the turn-on voltage V). On the other hand,
with the application of an erase voltage of +50 V for 1 s, the
transfer curves are shifted back to their initial positions due to
the detrapping of holes into the channel.

It is noteworthy that the Vy, shift of the pristine PVPy
floating-gate based memory device is very small owing to the
fact that the charge trapping capability of the bulk PVPy is
inferior. However, significant Vi, shifts are observed in case of
the Au@Ag NRs-PVPy based memory devices after the program-
ming operation. The shifting of Vj;, in the negative direction
indicates that the Au@Ag NRs act as the hole trapping ele-
ments. Through the application of the reverse bias, the shift of
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Fig. 3 Memory characteristics of (a) PVPy, (b) NRs-2, (c) NRs-5, (d) NRs-10 and (e) NRs-20 memory devices in programmed and erased states. (f)
Comparison of memory windows with different concentrations of Au@Ag NRs. Reprinted (adapted) with permission from ref. 77. Copyright 2022

American Chemical Society.
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the Vy, occurs to the identical initial position suggesting that the
holes can be easily trapped or detrapped in the Au@Ag NRs. The
memory window (AVy,) which is defined as the variation of the
Vin during the programming and erasing operation gradually
enhances from 10 V to 19.7 V with the increase of the doping
concentration 2 to 10 vol% in Au@Ag NRs. However, further
increase in the concentration of Au@Ag NRs results in a
decrease of the memory window, perhaps due to the increased
hole conduction among neighboring NRs and reduced charge
trapping capacity originating from the severe aggregation of NRs
at high concentration. The devices exhibit a data retention time
of 10* s and a durability of at least 100 program per erase cycles.

The working mechanism of the Au@Ag NRs based OFET
optical memory device is explained in Fig. 4. When light is
illuminated on to the top surface of the memory device during
the programming process, an enormous number of excitons are
generated in the pentacene layer. Pentacene has a high exciton
binding energy of ca. 0.5 eV. Excitons produced in pentacene due
to light illumination are dissociated by the strong gate-channel
electric field. The photogenerated holes are trapped by the
Au@Ag NRs resulting in the alternation of Vy, shift. Conse-
quently, the increase in the effective charge carriers in the
pentacene channel results in a much more positive shift of Vi,
compared to the V4, shift under the dark programming process.
During the light assisted erasing process, the detrapped holes as
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well as the photoexcited holes are transferred from the Au@Ag
NRs back to the pentacene channel layer, inducing a much
positive shift of V,;, compared to Vg, shift under dark erasing
process. The phototunable memory effect in the Au@Ag NRs-
PVPy floating-gate based OFET optical memory originates from
the multimode LSPR effect Au@Ag NRs. As shown in the finite-
difference time-domain (FDTD) simulation of the LSPR effect in
the Au@Ag NRs-PVPy nanocomposite is shown in Fig. 2(d) and
(e), the longitudinal electric field distribution is more pro-
nounced compared to the transverse one. Hence, enhanced light
absorption is derived mainly from the longitudinal mode.

An analogous work by Wang et al.”® showed that an oriented
polystyrene-tethered gold nanorod (AuNR-PS) array structure
(Fig. 5(a)) working as a nanostructured floating-gate, was able to
tune the absorption features of the active pentacene layer through
localized surface plasmon resonance. The authors leveraged the
perpendicular oriented AuNR-PS array in a low illumination time of
1 second, as compared to the 3-second duration in random AuNR-
PS, shown in Fig. 5(b) and (e). With a data retention duration of
9000 seconds and stability over 50 cycles, it was found that the
erased state current in the oriented AuNR-PS was a magnitude
lower than the random oriented AuNR-PS (Fig. 5(c), (d) and (), ().

There are other published works that use plasmon nanoparticles
in an OFET scheme for memory applications,'®*"®® but they do not
exploit plasmons per se. For instance, Chang et al. demonstrated a
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Fig. 4 Energy band diagram of OFET optical memory device (a) In the dark while programming, (b) In the dark while erasing, (c) while programming under
light irradiation and (d) while erasing under light irradiation. Reprinted (adapted) with permission from ref. 77. Copyright 2022 American Chemical Society.
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Fig. 5

(a) Schematic illustrations of the perpendicular orientated AUNR@PS array as nano-floating-gate (left) and random AuNR@PS as nano-floating-

gate device on the right, (b) programming and erasing characteristics, (c) retention characteristics, and (d) endurance characteristics of the pentacene-
based nanostructured floating-gate memory device with perpendicular orientated AuUNR@PS array. (e) programming and erasing characteristics, (f)
retention characteristics, and (g) endurance characteristics of the pentacene-based device with random aligned AUNR@PS. The current states were
measured at Vps = —30 V and Vgs = 0 V. Reprinted with permission from ref. 79. Copyright 2023 John Wiley and Sons.

non-volatile OFET memory device based on poly(9,9-dioctylfluorene-
alt-bithiophene) [F8T2] with various ligand-capped AuNP mono-
layers on the dielectric. It was found that higher AuNP loading on
the ligand chain (or using a shorter chain) had a positive impact on
the memory window and gave a much improved ratio of pro-
grammed to erased state currents (Fig. 6(a) and (b)).*° Oh et al
used a self-assembled monolayer of aptamer conjugated with
hexagonal Au nanoparticles (LSPR peak of 525 nm) for charge
trapping effects and showed a pronounced hysteresis with the use
of Au NPs (Fig. 6(c) and (d)).*" Similarly, Wang and colleagues
showed the effects of varying Ag film thickness from 1-10 nm on the
transistor performance.®” Liu et al. integrated gate dielectric SiO,
with gold nanoparticles to use as floating-gate for charge storage.*
While we acknowledge that the above articles have shown improve-
ments in device performance with a metal nanoparticle-integrated
architecture, we have attempted to explain in depth only those
works that have utilized the plasmonic behavior of metal nano-
particles in enhancing the OFET performance and/or functionality.

3. OECTs integrated with plasmonic
nanoparticles

Due to their low fabrication cost, organic transistors are often
used as OFETs and OECTs for biological interfaces and sensors.

This journal is © The Royal Society of Chemistry 2025

An OFET is a metal-oxide-semiconductor field-effect transistor
(MOSFET) where the active region is an organic semiconductor
whereas OECTs have an electrolyte instead of a dielectric layer
between the gate and the active region. The channel current and
transconductance can be controlled by modifying the materials
used for the gate, the active layer and electrolyte with parameters
such as concentration, functionalization with a self-assembled
monolayer (SAM), immobilization with nanoparticles, and de-
doping. OECTs are particularly sensitive in detecting affinity
binding events and therefore find use in immunoassays.®
OECTs have the advantage over OFETs for biosensing given
OECTs are stable in aqueous solution and work at lower
voltages.””" Moreover, they have also shown transconductance
in the mS range, as reported by Dion Khodagholy et al. in 2013.°>

With plasmonic nanoparticles introduced in either the gate
electrode or immobilized on a SAM, immunosensors and bio-
electronic interfaces have demonstrated an improved perfor-
mance in sensing. In particular, Au NPs have been the plasmonic
material of choice because of good compatibility and signal
amplification.”® One of two ways in which Au NPs is being used
to achieve this - to fabricate the gate electrode by either combin-
ing Au NPs with another material or used by themselves, or in the
active layer/electrolyte to enhance the conductivity of the channel
through improved charge transfer. Based on this, there are three
mechanisms that explain the improvement resulting in the

J. Mater. Chem. C, 2025, 13, 9951-9972 | 9957
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(a) Schematic configuration of the OTFTs memory devices on the SAM-modified SiO, surface using the hybrid materials of F8T2:ligand-capped

Au NPs, and optical absorption spectra of the modified-Au NPs on the right, (b) retention times and programmed and erased state currents of
SAM-modified and unmodified dielectric (reprinted with permission from ref. 86. Copyright 2013 American Chemical Society), (c) and (d) C-V curves of
with and without hexagonal AuNPs respectively showing pronounced hysteresis in (d). Reprinted with permission from ref. 81. Copyright 2013 Applied

Physics Letters.

performance of OECTs from integrating Au NPs. The first is the
local electromagnetic field enhancement when gold is part of
the gate electrode. The second is the enhanced charge transfer to
the electrolyte when gold nanoparticles are introduced in the
electrolyte. The third is improving the conductivity of the active
layer through immobilization of Au nanoparticles on a SAM-
coated active region. With these configurations, improved perfor-
mance metrics were achieved.

In 2010, Duck-Jin Kim et al. reported one of the first point-
of-care (POC) diagnostic systems based on an OECT-gold
nanoparticle integrated immunosensor for the detection of prostate
cancer.”® A poly(styrenesulfonate)-doped poly(3,4-ethylenedioxy-
thiophene) PEDOT:PSS channel with 1/4th concentration of ethy-
lene glycol (EG) was formed. EG was introduced to increase the
channel conductivity. Au NPs of 10 nm size were deposited on
prostate specific antigen-polyclonal antibody (PSA-pAb) with a
carboxylated SAM layer on the Au NPs. It was observed that with
the use of Au NPs, the channel current could be enhanced resulting
in a lower limit of detection (from 100 pg ml™" to 1 pg ml™") of the
prostate specific antigen/a1-antichymotrypsin (PSA-ACT) complex
concentration, as shown in Fig. 7. The presence of gold nano-
particles shifted the absorption peak from 517 nm to 523 nm
resulting in a red colored solution caused by the carboxylated SAM
layer changing the local refractive index. Together with the
enhanced conductivity in the PEDOT:PSS channel, Au NPs on the
PSA-pAb, owing to their large effective surface area, improved
the electron transfer to the PSA-ACT complex, dramatically increas-
ing the sensitivity.

9958 | J Mater. Chem. C, 2025, 13, 9951-9972

A similar article was published in 2018 by Jia-An Chou et al.
where they reported the dual use of immobilized gold nano-
particles on the thiol-functionalized PEDOT films for both the
detection of dopamine using OECTs and as surface enhanced
Raman scattering (SERS)-active substrates for p-cresol detection.*?
The coating of the thiol-functionalized PEDOT film with Au NPs
improved the transfer characteristics and made it possible to
detect 37 nM of dopamine, as shown in Fig. 8. The gold nano-
particles increased the conductivity of the thiol-functionalized
(PP-SH) layer because of its high specific area, causing less
difference between the on and off current. This feature could be
useful for the smooth switching of the AuNP-PP-SH OECT. At the
same time, the same OECT device provided greater SERS hot spots
due to the presence of gold nanoparticles and was able to detect
varying levels of p-cresol, although it performed marginally better
in the high concentration regime of the p-cresol.

Au NPs were used in a different way in an organic photo-
electrochemical transistor (OPECT)-based DNA sensor, reported
by Jiajun Song et al in 2018.°> The photoelectrochemical gate
electrode consisted of cadmium sulfide (CdS) quantum dots
(QDs) on an ITO glass substrate, and the target DNA was labeled
with gold nanoparticles. Exciton-plasmon interaction (EPI) takes
place between the Au plasmons and the CdS excitons. Two
mechanisms - the plasmonic analog of Forster-type resonance
energy transfer (FRET) and LSPR-induced rise in the sponta-
neous emission rate of CdS QDs work cooperatively to dissipate
excitonic energy and reduce the number of photoelectrons
transferred from CdS QDs to the gate electrode. It is important

This journal is © The Royal Society of Chemistry 2025
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Fig. 7 |-V curve of the OECT based immunosensor (a) without AuNP, and (b) with AuNP. (c) and (d) calibration curve without and with AuNPs
respectively. Reprinted from ref. 94 with permission from Elsevier.

to note that plasmon-induced resonance energy transfer is respectively.”® The measured current depends on the DNA

bidirectional but similar to FRET, depends on the overlap of concentration which is the main sensing mechanism in the
the emission and absorption spectra of the CdS QDs and Au NPs  device.”> As expected for FRET/PIRET and other molecular
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Fig. 8 Output curves of the device with (a) a single layer PEDOT film (P), (b) thiol-functionalized PEDOT film (PP-SH) and without AuNPs, and (c) PP-SH
with AuNPs. (d) Transfer curves, (e) Transconductance vs gate voltage, V, for potential sweep from 0 to 0.8 V and (f) Transconductance vs. Vq for
AuNPs@PP-SH OECT, recorded in 1x PBS (pH 7.4) with 1 mM dopamine for different drain voltages and V, sweep from —0.5V to 0.6 V. Adapted from ref.
93 under the Creative Commons License.

This journal is © The Royal Society of Chemistry 2025 J. Mater. Chem. C, 2025, 13, 9951-9972 | 9959


http://creativecommons.org/licenses/by-nc/3.0/
http://creativecommons.org/licenses/by-nc/3.0/
https://doi.org/10.1039/d4tc04595e

Open Access Article. Published on 03 May 2025. Downloaded on 12/6/2025 4:11:38 PM.

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

(cc)

Review
a 5
(@) 490 light on 10°Mm
dsDNA
300 -
<
_8200 ssDNA
100 - cds
0 100 _ 200 300 400
Time (s)
(c) light on 10"°M
300 -
2200} dsDNA
— ssDNA
100 Cds
0 100 __ 200 300 400
Time (s)

View Article Online

Journal of Materials Chemistry C

(b)4°° r light on 10""m
—
300
_—
< dsDNA
o200
_2 ssDNA
100 -
cds
0 100 _ 200 300 400
Time (s)
(d) oof '
)
0.8}
o7l Detection limit: 1 fM ;
06}
=05} 0
<04l .
03}
02} R’=0.9662 s
0.1f P
- S
o'o E e N ad asd. aaad. asad ol

10"10"10™ 10" 10" 10™ 10° 10® 107 10°
Concentration (M)

Fig. 9 (a)—(c) represent channel current versus time for 1 x 107° M, 1 x 1072° M and 1 x 107> M respectively, and (d) Al// versus concentration of target
ssDNA, R being the linear regression equation parameter. Reproduced with permission from ref. 95©2018 WILEY-VCH Verlag GmbH & Co. KGaA,

Weinheim.

rulers, the DNA detection limit was highly dependent on the
length of the DNA strands and dropped off for longer strands.
A detection limit of 1 fM was reached for the single-stranded
DNA used in the study demonstrated in Fig. 9. Although the
device was primarily used as a sensor, it also worked as an
amplifier where increasing the width/length ratio of the channel
resulted in a higher drain current.

A nanostructured plasmonic gate was also reported by
Jayan Thomas et al. in which OECT was used for monitoring
brain signals.”’ With the use of nanostructured interdigitated
electrodes (IDEs) of gold (50 nm) formed by electron beam
lithography (EBL), the group has reported that while using a
wavelength of light same as the resonant peak, the surface
plasmon resonance resulted in highly localized electrons near
the surface. This reduced the impedance and could be utilized
to improve the sensitivity of the gold IDEs.

4. Plasmon enhanced phototransistors

Organic phototransistors have already demonstrated more
sensitive photodetection than high performance silicon photo-
diodes for specific wavelengths.®” The general configuration of
organic phototransistors (OPTs) is the same as OFETs with a
substrate, a dielectric layer, an active layer, and three electro-
des: a source, a drain, and a gate. As a bias is set across the
source and drain electrodes, it creates a channel of accumu-
lated charges between the two electrodes through the active

9960 | J Mater. Chem. C, 2025, 13, 9951-9972

layer. The gate electrode allows for the application of a bias that
controls the flow of charge between the source and drain. The
dielectric layer acts as a capacitor between the gate and source/
drain electrodes. This allows the OPT to act as a switch in the
electronics. The difference between an OPT and an OFET is the
use of incident light to amplify the signal of the transistor.
OPTs work in the light receiving mode of typical transistors,
where an incident photon excites carriers in the active layer
(typically an organic semiconductor), generating excitons. The
bound Frenkel excitons are dissociated into mobile carriers
by the strong gate-channel electric field thus resulting in a
drain current driven by the bias between the source and drain
allows for a higher overall electrical signal in the device. Even
while the OPT is in the ‘off-state’, that is at zero gate bias, there
is still a small amount of current flowing between the source
and drain electrodes, known as the dark-current.

There are two working modes of an OPT: the photovoltaic
mode and the photoconductive mode. In the photovoltaic
mode, the device is in the on-state, meaning the gate voltage
is lower than the threshold bias (using a p-type OSC as the
active layer), where the threshold bias is the minimum gate-
source voltage to begin the operation of the device. As the
device is illuminated, the voltage threshold will shift. In photo-
conductive mode, the OPT is in the off-state and thus the gate
voltage is greater than the threshold voltage, and the gate
voltage will increase with increasing illumination power.’®

The performance factors taken into consideration when
determining the effectiveness of the OPT are photoresponsivity,

This journal is © The Royal Society of Chemistry 2025
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detectivity, and photosensitivity. Photoresponsivity (R) is the
ratio of the photocurrent and the incident power of illumination.
Detectivity (D*) is a combination of bandwidth, noise equivalent
power, and area. The detectivity allows for a quantitative com-
parison between the sensitivity of different OPTs, with higher
detectivity indicating higher performance. Finally, the photosen-
sitivity (P) is the ratio of illuminated energy with the dark
photocurrent. The carriers generated from the absorbed light
in the active layer can be further enhanced by the introduction of
plasmonic nanoparticles into the fabrication process into either
the surface-active layer or the active-insulating layer, as shown in
Fig. 10(a) and (b), respectively. These could be in the form of Ag
NPs,”>1% Au NPs'°"'%2 and Au nanorods.'®

The working mechanism of the enhancement from the LSPR
phenomenon is schematically shown in Fig. 10(c). The gold NPs
enhance the absorption of the active layer thanks to the LSPR
coupling with the molecules in the active layer, causing higher
dissociation due to a higher built-in field."*"'** Also, hot electron
effects add more carriers to the total number of charges collected
by transport channels.'®>'® Lastly, there can be an energy
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transfer due to dipole-dipole coupling and near-field enhance-
ment inducing carrier transitions.’®'°® The measured improve-
ment in the photoresponsivity due to the addition of NPs under
different measured conditions is shown in Fig. 11. There is a
notable increase in R in the OPT with Ag NPs deposited on the
insulating layer at visible wavelengths of incident light
(Fig. 11(a)).”® This increase is related to the penetration depth of
5,5"-bis(naphth-2-y1)-2,2":5’ 2"-terthiophene (NaT3) (57 nm at light
wavelength of 360 nm; 540 nm at light wavelength of 475 nm).
Since the Ag NPs are deposited between the active layer and the
insulating SiO, layer, enhancement of the photoresponsivity
will depend on the penetration depth of the active material.
Thus, at low penetration depths the LSPR excitation is lower, and
at higher penetration depths the photoresponsivity is enhanced
by the LSPR excitation. An increase in R is also observed in the
OPT with Au NPs deposited on the surface of the OSC across
different gate-source voltage values compared to the same
OPT without NPs (Fig. 11(b))."® The largest increase of R
from the NP-OPT and the reference OPT occurs at positive
gate-source biases.
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Fig. 10 Example configurations for organic phototransistors with the addition of gold nanoparticles. (a) The gold nanoparticles are deposited on the
insulating layer. The active layer is then deposited on the nanoparticle layer. Reprinted from ref. 102, with permission from IOP Publishing Ltd. (on behalf
of Japan Society of Applied Physics). (b) The nanoparticles are deposited on the active layer of the organic phototransistor with direct contact to
incoming light. Reprinted (adapted) with permission from ref. 101. Copyright 2018 American Chemical Society. (c) Schematic of working properties of
plasmonic enhancement of organic phototransistors. Light is incident onto a nanoparticle located on the active layer. The enhancement of the local field
from the nanoparticle increases exciton dissociation, causes hot electron effects, and induces carrier transitions. Reprinted (adapted) with permission
from ref. 101. Copyright 2018 American Chemical Society.
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Fig. 11 Comparing the photoresponsivity (R) of organic phototransistors (OPTs) with and without the addition of metal nanoparticles (NPs). (a) R of an
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reserved. (c) R value comparison of an OPT with Au NPs and without (pristine). The active layer is CuPc. The R value for the plasmonic device increases to
23359 AWt at low fluences, indicating a higher R range. Reprinted (adapted) with permission from ref. 101. Copyright 2018 American Chemical Society.

Finally, an increase in R is also observed in the OPT with Au
NPs deposited on the surface of the OSC over different incident
light intensities (Fig. 11(c))."®" It was observed that the pristine
(no NP device) had an inadequate response below a certain
incident power. In contrast, the R of the NP-OPT continued to
increase at very low powers, allowing for the OPT to be used in
low-light conditions. The photoresponsivity range of the device
is thus increased 4-fold with the inclusion of Au NPs. One final
observation comes from the interesting behavior of the photo-
sensitivity shown in Fig. 11(b). The plasmonic OPT has a lower
Pvalue than the OPT without Au NPs until a crossover point at a
gate-source bias of approximately —17 V. Nevertheless, the
lower value of P in the plasmonic OPV is attributed to a leakage
current.

Detection of circularly polarized light (CPL) has recently
attracted a lot of research attention for applications in spin-
tronics, LiDAR, bioimaging, magnetic recording, next genera-
tion optical communications, etc. For optimal use of CPL, a
suitable detection technology of the chiral polarized states of
CPL namely right CPL and left CPL, is needed. Polarizers and
filters are traditionally used for CPL detection but reduce the
intensity of the illumination resulting in low efficiency. Chiral
plasmonic materials with a high chiroptical activity are a
potential solution since they offer a high selectivity towards
the polarized CPL states. Chiral plasmonic photodetectors
generate an amplified response to CPL by modifying the local

9962 | J Mater. Chem. C, 2025, 13, 9951-9972

electromagnetic environment in the light-matter interaction
zone such that even materials with a low or non-existent
intrinsic CPL response produce a dissymmetric current. The
detection mechanism relies on the CPL-selective enhancement
of the local electromagnetic field in chiral plasmonic nano-
structures such as Z-shaped Ag NPs and fan-like Au NP arrays
which in turn influences the efficiency of injection of hot
electrons over a Schottky barrier of the plasmonic metal with
a nearby semiconductor. Numerical research by Kim, H.
et al.'” has shown that a circular-polarization-sensitive organic
photodetector based on a chiral plasmonic nanostructure could
achieve high efficiency of 23.8% as well as high dissymmetry
factor of absorption value of 1.6.

Independent works by Namgung et al.'°® and Han et al.'®
have shown that phototransistors based on chiral plasmonic
nanoparticles in a hot electron transistor and chiral diketopyr-
rolopyrrole (DPP)-based conjugated polymers active layers
respectively, are candidates for effective CPL detection. With
the use of a chiral gold nanoparticle array over InGaZnO,
Namgung et al.’°® were able to achieve a photoresponsivity of
1 A W' that was also able to differentiate between the right
CPL and left CPL owing to the different hot electron injection
efficiency in each case. The work of Han et al'® involved
fabrication of an organic phototransistor based on chiral
DPP-based donor-acceptor type m-conjugated polymers. The
synthesized polymer had an exceeding charge transport

This journal is © The Royal Society of Chemistry 2025
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properties and was able to achieve sensing of near-infrared CPL
(920 nm) with a photoresponsivity of 26 A W', The results
reported in both the aforementioned cases surpass previously
reported performance and it is conceivable that integrating
plasmons with organic molecules towards CPL detection could
result in even better performance and efficiency, as shown by
Kim, H. et al.'® in their modelling experiment.

5. Plasmon-integrated OLETs

Organic light emitting transistors (OLETs) are a unique class of
devices that employ the intrinsic characteristics of switching/
amplification and light-emission of OFETs and OLEDs respec-
tively. The first OLET publication was reported as early as
2003"'° but the comparatively slower progress in organic elec-
tronics did not allow much research and development in this
device area. Modern flexible displays that employ OLEDs need
OFET driving circuitry to turn on/off the individual pixels in the
display. OLETs offer the advantage in this regard since they
have inbuilt FET driving circuitry which saves space and meets
power requirements. An in-plane flow of charge carriers owing
to the planar architecture of OLETs with higher mobilities
of electrons and holes and enhanced electroluminescence quan-
tum efficiency are advantages in OLETs over OLEDs.""" Capelli,
R. et al. (2010) also reported a p-channel/emitter/n-channel
trilayer OLET with reduced exciton quenching and photon loss
processes whose efficiency was at least 100 times better than
equivalent OLEDs and >10 times than other OLETs.'*? Unlike
OFETs, OLETs need to have electrons and holes both present in
the active layer to recombine and emit light. This could be done
in two ways- (i) Unipolar OLETs-supplying only holes/electrons in
the self-doped active organic semiconductor (OSC) region and
allowing them to recombine with the opposite carrier given by
the OSC, or (ii) Ambipolar OLETs-supplying both electrons and
holes from drain and source electrodes or vice-versa. The first
scenario is simpler where a certain p-type OSC recombines with
the electrons injected from the metal electrode and radiative
recombination takes place. The second case involves finding a
suitable OSC whose LUMO and HOMO match with the source
and drain electrodes’ work function thus enabling efficient
injection of both holes and electrons to recombine in the active
layer. Such OSCs are difficult to synthesize and therefore, certain
indirect routes that could result in higher electroluminescence
in ambipolar OLETS, could be adopted. One way to achieve this
is to tune the recombination zone by separating high charge
density and exciton generation regions, thus minimizing exciton
quenching in OLETs."'*'* Integrating plasmonic NPs into
OLETs serves multiple functions. On one hand, the interaction
between electrically generated excitons and surface plasmons
can be tuned from the weak coupling regime to the strong
coupling regime (i.e. plexcitons) using a suitable architecture
and applied bias to maximize the local electroluminescence
efficiency. On the other hand, the directionality and outcoupling
efficiency of emitted light in an OLET can be improved by
integrating plasmonic NPs into the active layer.

This journal is © The Royal Society of Chemistry 2025
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Moving beyond their inherent task of light emission, OLETs
have also been reported to function as optical sensors in conjunc-
tion with organic photodetector (OPD) and plasmonic layer. In
their journal article in 2021, M. Prosa et al.'™® reported a unique
device that combined the functions of an OLET, OPD and nano-
plasmonic grating (NPG) (Fig. 12(a)-(d)), which was demonstrated
to sense an optical signal and produce an output response to it.

The NPG consists of poly(methyl methacrylate) (PMMA)
pillars embedded in the gold layer and reflects light up to
98% in the broad near-infrared (NIR) wavelength range, when
they are illuminated at an angle at their resonance wavelength.
The organic semiconductor chosen was 2,7-dioctyl(1)benzothi-
eno(3,2-b)(1)benzothiophene (C8-BTBT) which is a p-type mate-
rial. It is worth mentioning that this device belongs to the
class of unipolar OLET devices. The emissive layer was a blend
of Ptll-tetraphenyltetrabenzoporphyrin (Pt(tpbp)) and tris(8-
hydroxyquinoline), (Alq3) with an emission wavelength of
770 nm. Silver was used as source and drain electrodes, and
the source also acted as the anode of the OPD. The OLET, OPD
and NPG were spectrally matched and since the OLET emissive
layer and NPG have responses in NIR around 770 nm, zinc
phthalocyanine (ZnPc) with fullerene-C60 doping was
employed as material for OPD because of its absorption in
NIR. The NPG is fabricated on a transparent glass substrate to
allow the smooth passage of light from the Ag layer (at drain)
during the emission from the OLET part of the device. The OPD
absorbs the reflected light caused from the angular excitation
of the surface plasmons in the NPG. Consequently, a small
electric signal is produced by the photodetector in response to
the incident light on it.

As shown in the overall response of the sensing system in
Fig. 12(e), the output current is negligible when there is no Au
layer (NPG reflective cap) present on the top of the encapsulat-
ing glass substrate. This confirms the reflective action is taking
place from the NPG layer. The other factor that affects the OPD
response is the change in the surrounding medium of the NPG
layer (Fig. 12(f)). To realize this, the authors first used 100%
water solution over an adhesive silicon sheet on top of the NPG
layer as the reference, followed by a mixture of water and
ethanol. For the latter case, OPD current increased to 12.3 +
0.3 nA when 50% ethanol was used compared to 11.1 £ 0.3 nA
for just ultrapure water. Further, using 100% water over NPG
caused a threefold reduction in current with respect to full
reflective coating. Further improvements were observed in
signal to noise ratio with the use of interdigitated chip (two
source/OPDs on either side of the drain), thereby doubling the
light collected.

Integration of surface plasmons in OLETs have also shown
improvement in electroluminescence yields and directionality
of emission. In their work, Zakharko et al''® reported an
enhancement in infrared (1100 nm) electroluminescence by
combining a high mobility and balanced polymeric semicon-
ductor layer (diketopyrrolopyrrole copolymer, DPPT-BT, 15 nm
thick) with 20 nm gold nanorods in a light-emitting field-effect
transistor (LEFET) planar architecture, that allowed vertical
near-field coupling of the tunable exciton source to the
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(a) Overall scheme of the optoplasmonic sensing system. (b) OLET part of the device with its individual layers. (c) OPD part. (d) The

nanoplasmonic grating with PMMA pillars embedded in a thick Au layer. (e) OLET drain-to-source current and OPD output current with and without
the NPG reflective layer. (f) Variation of OPD current over time with the change in the surrounding medium. Adapted with permission from ref. 115.

Copyright 2018 Advanced Functional Materials.

localized surface plasmons of gold nanorods. The presence of
gold nanorods in the active region leveraged the Purcell effect
to increase the radiative decay rate of excitons (by increasing the
photonic density of states and suppressing non-radiative decay,
and hence photonic efficiency)."”” When the recombination zone
in the LEFET is positioned close to the gold nanorods, the
localized surface plasmons (LSP) supported by the nanorods
couple with the excitons, leading to enhanced light emission.
This coupling is controlled by adjusting the applied drain and
gate voltages, which moves the recombination zone closer to or
further from the nanorods, effectively turning the enhancement
on or off. The high local field concentration at the tips of the
nanorods facilitates this near-field coupling, resulting in a sig-
nificant increase in electroluminescence intensity. The authors
also demonstrated that a 130-fold increase in the final quantum
yield could be achieved when the dipoles were 1 nm from the
longer side of the nanorods compared to 260 times lower quan-
tum efficiency for dipoles perpendicular to the nanorod length at
the same distance, owing to metal quenching.""®

Working on the same principle, Zakharko et al.''® further
worked on to limit the intrinsic losses associated with the
plasmonic metal and discussed a mechanism for enhanced and
directional luminescence in LEFETSs by introducing surface lattice
resonances (SLRs). Using the same polymeric layer DPPT-BT

9964 | J Mater. Chem. C, 2025, 13, 9951-9972

(40 nm thick), the LEFET device was embedded with periodic
gold nanodisks (AuNDs, 25 nm high, over 20 x 500 um?” area) in
the semiconducting channel. The Purcell effect enhanced light
emission while the presence of SLRs along with a non-metallic
gate electrode (200 nm PEDOT:PSS) allowed non-destructive
interference with the AuNDs. Consequently, a high and direc-
tional emission was observed through angle- and energy-resolved
electro- and photoluminescence. The range of light emission
could be controlled by varying semiconducting layers, applied
voltages and geometry of the plasmonic nanostructures.®

6. Gated terahertz photodetectors
exploiting graphene plasmons

The terahertz (THz) band of the electromagnetic spectrum
(roughly 10-300 cm™') is gaining increasing importance for
applications such as chemical fingerprinting, long-distance
space communication, cross-barrier vision, label-free non-
invasive biomedical imaging devices, food and crop inspection,
etc.''°'*! These devices rely on the ability of terahertz radiation
to (i) penetrate non-transparent objects for perspective imaging
(ii) detect vibrational resonances of molecules and (iii) carry
encoded information over long distances without loss. For

This journal is © The Royal Society of Chemistry 2025
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active solid-state terahertz devices and integrated circuits, it is
important to be able to squeeze the energy and information
content of THz photons into much smaller volumes and then
manipulate them in a controllable manner. In the visible and
near-infrared (NIR) spectral ranges, this is done by coupling light
to plasmons to the interfaces of low loss metals such as Ag and Au
with dielectrics, creating surface plasmon polaritons that can
carry the energy and information content of light for tens of
micrometers while requiring a much smaller mode volume.
At THz frequencies, noble metals such as Ag and Au provide weak
confinement of THz photons and exhibit high ohmic losses,
rendering them unsuitable for active THz plasmonic devices such
as generators, modulators, splitters and detectors. On the other
hand, graphene which is a two-dimensional atomically thick sheet
of sp” hybridized carbon atoms, is capable of confining THz fields
into volumes that are a million times smaller than free space.'**
Furthermore, the carrier density and band gap of graphene in an
FET channel can be modulated using a gate bias.
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While diodes are well-known rectifying devices, synchro-
nous FETs are also used to rectify AC fields. Terahertz radiation
can be considered as an ultra-high frequency AC field whose
rectification by FETs requires an extraordinarily high carrier
mobility (to keep pace with the rapid spatiotemporal changes in
field amplitude) such as exhibited by graphene. Shur and
Dyakonov pointed out in 1996'** that the FET channel consists
of a two-dimensional electron gas (2DEG) which allows plasma
waves with a dispersion relation w = sk to propagate in the
channel where o is the angular frequency, & is the wave vector

. . L eU .
and s is the wave velocity. s is given by ,/% where e is the

elementary charge, m* is the carrier effective mass and U is the
gate-to-channel voltage swing. A graphene field-effect transistor
(GFET) with graphene plasmons as waveguide was used to
fabricate reconfigurable THz nanodevices by Chen et al., aimed
at a variety of applications in sensing, biomedical and wireless
communication."” Hu and others demonstrated that using ion

1.0

0.8 1

0.6 -~

(a) Schematic illustration of the FET configuration used for resonant THz detection exploiting plasmons in a bilayer graphene (BLG) channel

encapsulated between two boron nitride layers (b), (c) Three-dimensional rendering and top-view photograph of the lens and antenna-coupled THz
detection FET architecture consisting of a hemispherical silicon lens focusing incident free space terahertz radiation on to a broadband bow-tie antenna
which also served as the gate and source electrodes of the BLG FET and (d) Temperature-dependent conductance of the BLG FET with inset showing a
zoomed-in top view of the device with a top-gate over a channel with source (upper) and drain (lower) electrodes. Reprinted from ref. 126 under the
terms of a Creative Commons license.
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Fig. 14 Responsivity as a function of temperature and bias at 0.13 THz (a) and as a function of applied bias at 10 K and 2 THz (b) of the resonant terahertz
photodetector exploiting graphene plasmons whose structure is shown in Fig. 13. Reprinted from ref. 126 under the terms of a Creative

Commons license.

gel as dielectric in a top-gated graphene plasmon FET intended
for terahertz applications, resulted in broadly tunable graphene
plasmons (plasmonic shift of ~1270 cm™") while still employing
a relatively low voltage modulation.'* A similar work by Ban-
durin and coworkers reported a resonant THz photodetector
consisting of an antenna coupled graphene MOSFET whose
channel acted as a Fabry-Perot resonator for graphene plasmons
(Fig. 13)."*° The incident free space THz radiation was com-
pressed into highly confined graphene plasmons and the result-
ing AC potential was rectified using the graphene FET (Fig. 14).
High mobility charge carriers and plasmon confinement were
achieved using bilayer graphene nanosheets encapsulated
between hexagonal boron nitride (h-BN) sheets to minimize
interface defects and scattering.'*® Likewise, the resonance
frequency of the transistor channel could be tuned by varying
the channel length and carrier density.

7. Conclusions and outlook

Optoelectronics technology at the current time is dominated by
inorganic semiconductor active layers with CMOSFETs being the
device of choice in most applications relating to switching and
amplification. However, organic semiconductor-based field-
effect transistors occupy specific niches related to flexible and
printed electronics, photodetection, light emission, optical non-
volatile memories, electrochemical sensors, etc. where they
provide either improved performance or additional functionality
over that afforded by Si CMOS technology. These advantages
originate in the higher oscillator strength, direct bandgap,
environmental sensitivity, ion permeability and electrochemical
recyclability of organic semiconductors compared to silicon-
based FETs which are incapable of strongly absorbing or emit-
ting light due to the indirect bandgap of Si and the tendency of Si
to form a native oxide in aqueous electrolytes. The integration of
plasmons emphasizes the inherent advantages of organic semi-
conductors by further enhancing light-matter interactions and
improving charge transfer processes.

9966 | J Mater. Chem. C, 2025,13, 9951-9972

Organic field effect transistor (OFET) sensors exhibit a
significantly higher sensitivity than traditional biosensors due
to the signal gain/amplification function intrinsic to all FETs.
Consequently, any further enhancements in the performance of
OFETs through the incorporation of plasmons would naturally
place such OFET-based sensors at the cutting edge of detection
limits for photons, biomolecules and other analytes of interest.
A second factor that makes it interesting to combine coinage
metal nanoparticles with organic semiconductors is the strong
light-matter interaction exhibited by both surface plasmons
and Frenkel excitons, thus stimulating devices and applications
where the excitons and plasmon quasiparticles are coupled
to each other as plexcitons. A third factor is that both gold
nanoparticles and organic semiconductors are compatible with
inexpensive and facile solution processing, which renders
plasmon-enhanced OFETs particularly attractive for use in
bio-electronic interfaces and wearable electronics, despite their
lower mobility compared to inorganic transistors.

An OFET optical memory with a pentacene thin film channel
and a floating-gate architecture consisting of Au@Ag core-shell
NRs-PVPy nanocomposite was reviewed. The application of a
programming gate voltage of —50 V drives holes to the floating
gate, charging it and thus shifting the threshold voltage.
A deprogramming/erase voltage of +50 V restores the threshold
voltage to its original value. A tunable memory window is
achieved by varying the size of the Au core or the thickness
of Ag shell as well as the concentration of Au@Ag NRs in the
floating-gate. Moreover, the memory characteristics of the
memory device are phototunable due to localized surface
plasmon resonance of the Au@Ag NRs resulting in light sen-
sing and data storage functionalities. A similar pentacene-
based active layer with gold nanorods showed phototunable
absorption features due to Au nanorod-induced plasmonic
enhancement. Plasmon-enhanced organic memory devices
are interesting for low-cost applications where a tunable mem-
ory window is desired but further improvements are needed to
lower the absolute value of the programming and erase voltages

This journal is © The Royal Society of Chemistry 2025
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employed. The incorporation of plasmonic nanoparticles into
the channel and/or gate electrode of OECTs has led to signifi-
cant increases in the sensitivity of detection of biomarkers,
nucleic acids and metabolites arising from the gold-mediated
enhancement of electron transfer to electrolyte species. In
organic photoelectrochemical transistors (OPECTS), exciton-
plasmon interactions further contribute to the improvement
of sensor performance.

The incorporation of plasmonic nanoparticles in the channel
of organic phototransistors (OPTs) expands the dynamic range of
operation of the device over several orders of magnitude. The
improvements to the photoresponsivity of OPTs using Au and Ag
NPs are apparent for varying light wavelengths, for varying gate-
source bias, and for all values of the incident power of the light.
The non-negligible and even increasing signal at very low optical
power give rise to new applications of plasmon coupled OPTs for
low-light applications. OPTs integrating chiral plasmonic NPs
enable detection of right- and left-circular polarized light by
generating a dissymmetric current. The tunability of device
parameters based on the size of the NP could also lead to OPTs
for not merely low-light applications but applications outside of
the visible spectrum - in the deep ultraviolet and near-infrared
for instance. A plasmon-enhanced OLET sensor that allowed for
fabrication of a cost-effective device where light emission, reflec-
tion and detection take place on a single chip, was reviewed. An
OLET consisting of a diketopyrrolopyrrole conjugated polymer
channel integrated with gold nanorods (Au NRs) allowed vertical
near-field coupling of the excitons with tunable characteristics
that were electrically generated in the conjugated polymer to the
Au NR plasmons, and the strong Purcell effect resulting from
this architecture improved local electroluminescence yields as
well as the directionality of emission and the light outcoupling
efficiency. The terahertz frequency range is the least mature in
terms of mass market applications. One of the challenges in
dealing with THz signals is the difficulty in detecting them and
amplifying them on-chip. However, graphene plasmons allow
unprecedented confinement of THz electric fields and antenna-
coupled graphene FETs have been demonstrated to rectify THz
signals. Further advances in OFET technology for detecting and
amplifying THz signals can be expected using graphene-based
active layers as well as high mobility organic-inorganic hybrid
channels.
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