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f plasmonic crossed-bowtie
nanostructures interspaced with plasmonic
nanocrosses for highly sensitive LSPR based
chemical and biological sensing

Abhijit Das, † Kamal Kumar† and Anuj Dhawan *

In this paper, we present novel localized surface plasmon resonance (LSPR) sensors based on periodic

arrays of gold crossed-bowtie nanostructures interspaced with gold nanocross pillars. Finite difference

time domain (FDTD) numerical simulations were carried out to model bulk sensors as well as localized

sensors based on the plasmonic nanostructures being proposed. The geometrical parameters of the

plasmonic nanostructures are varied to obtain the best possible sensing performance in terms of

sensitivity and figure of merit. A very high bulk sensitivity of 1753 nm per unit change in refractive index

(nm RIU�1), with a figure of merit for bulk sensing (FOMbulk) of 3.65 RIU�1, is obtained for these

plasmonic nanostructures. This value of bulk sensitivity is higher in comparison to previously proposed

LSPR sensors based on plasmonic nanopillars and nanocrosses. Moreover, the optimized LSPR sensors

being proposed in this paper provide maximum sensitivity of localized refractive index sensing of 70 nm/

nm with a FOMlocalized of 0.33 nm�1. This sensitivity of localized refractive index sensing is the highest

reported thus far in comparison with previously reported LSPR sensors. It is also demonstrated that the

operating resonance wavelengths of these LSPR sensors can be controllably tuned for specific

applications by changing the dimensions of the plasmonic nanostructures.
1. Introduction

Surface plasmons are collective oscillations of free electrons at
metal–dielectric interfaces and can be excited in metallic thin
lms or gratings as propagating plasmons (surface plasmon
polaritons) or in metallic nanoparticles as localized surface
plasmons. While several coupling mechanisms such as prism
coupling or grating coupling are required to couple the incident
light to the surface plasmon polaritons, incident light is directly
coupled into localized surface plasmons (LSPs) in metallic
nanoparticles. Coupling of the incident radiation to LSPs in
metallic nanoparticles or nanostructures leads to enhanced
scattering and absorption of the incident light at certain reso-
nant wavelengths and this phenomenon is called localized
surface plasmon resonance (LSPR).1,2 Sensors based on LSPR
have high sensitivity to changes in the localized refractive index
in the vicinity of the metal nanoparticles or nanostructures.3

Sensors based on LSPR can provide a real-time analysis of label-
free biomolecule detection with high sensitivities.4 While
traditional SPR sensors require bulky setups for coupling of the
incident light into surface plasmons (such as the Kretschmann
Institute of Technology Delhi, Hauz Khas,
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s work.

6

or Otto congurations), the LSPR-based sensors do not require
any coupling mechanism as light can be directly coupled into
LSPs in nanoparticles and nanostructures.

Over the past few years, different geometries of plasmonic
nanostructures have been employed for LSPR-based sensing—
nanospheres,5,6 triangular nanoplates,7 nanoholes,8–10 nano-
rods,11 nanorings,12,13 nanostars,14,15 nanocubes,16 nanodiscs,17

nanoring resonator array,18 among others. Numerous plas-
monic systems have reported Fano resonances—nano ring/disk
cavity,19 bimetallic fanocubes,20 split-ring resonator/disk nano-
cavities,21 nanoslits,22,23 dual-disk rings,24 nanodisks,25,26 nano-
clusters,25,27 nano-dolmen,28 nanocylinders,29 and nanocubes.30

Periodic arrays of nanorings31–33 have been investigated for high
gure of merit. Multiple layer metal-insulator-metal nanodisks34

and bowtie nanoantenna35 have been reported. Chiral gold (Au)
nanohooks have been presented with circular dichroism
measurements for increased refractive index sensitivity.36 Alloyed
nanodisk arrays of gold–silver have been reported with symmetry
breaking-induced mode splitting leading to precisely engineered
sensing modes.37 Patterned nanotriangle arrays of graded Ag–Cu
have also been demonstrated.38 A tailored design of a nanoline
with a nanocross was used to create a gold plasmonic nanocavity
for label-free detection of biomarkers.39

In this paper, we propose highly sensitive LSPR sensors
based on periodic arrays of gold crossed-bowtie nanostructures
© 2021 The Author(s). Published by the Royal Society of Chemistry
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interspaced with gold nanocross pillars. These LSPR sensors
were modelled using FDTD numerical simulations, and their
parameters were optimized to obtain excellent sensing perfor-
mance both as bulk refractive index sensors and as localized
refractive index sensors. The main sensing performance char-
acteristics studied by us were the sensitivity and gure of merit,
i.e. the ratio of the sensitivity to the full wave half maxima
(FWHM) of the plasmon resonance dip in the reectance
spectra from these plasmonic nanostructures. The plasmonic
nanostructures being proposed provide a very high value of bulk
sensitivity of 1753 nm RIU�1 with a gure of merit for bulk
sensing (FOMbulk) of 3.65 RIU�1. In some of the structures
proposed by us, values of FOMbulk > 6 RIU�1 have also been
achieved. This value of bulk sensitivity is higher in comparison
to previously proposed LSPR sensors based on plasmonic
nanopillars17 and nanocrosses.39 Moreover, the optimized LSPR
sensors being proposed in this paper provide the maximum
sensitivity of localized refractive index sensing of 70 nm/nm
with a FOMlocalized of 0.33 nm�1. This sensitivity of localized
refractive index sensing is the highest reported thus far in
comparison with previously reported LSPR sensors. Hence, the
plasmonic nanostructures being proposed in this paper can be
employed for highly sensitive detection of biomolecules such as
nucleic acid biomarkers of infectious diseases, antigens, or
antibodies. The plasmon resonance wavelengths of these LSPR
sensors can also be tunably varied for a wide spectral range
(from 1100 nm to 2500 nm) by changing the geometrical
Fig. 1 Schematics showing: (a) plasmonic nanostructures consisting of a
Au nanocrosses on a SiO2 substrate, with a top view inset; (b) bulk LSP
localized LSPR sensing arrangement. Here, ‘W’ is the nanocross pillar wid
side length of the right-angled triangular pillars is given by ‘L’. The heigh

© 2021 The Author(s). Published by the Royal Society of Chemistry
parameters of the plasmonic nanostructures being proposed.
This can allow LSPR-based bulk and localized sensing to be
carried out at desired wavelengths of interest.

2. Structure and simulation details

The schematic representation of the LSPR-based sensor being
proposed is shown in Fig. 1. The metallic nano-bowties are
formed of right-angled isosceles triangular pillars placed
pointing towards each other on all sides of a nanocross pillar.
This unit structure is repeated along both the x- and y-axes to
simulate a periodic structure. The side length of the isosceles
triangles forming the nano-bowties is taken as ‘L’, while the
width of the nanocross pillar is ‘W’. All edge-to-edge gaps ‘d’ in
the nanostructure geometry have been taken to be the same.
The height of all the pillars was xed at 50 nm. The plasmonic
material of the nanocross and nano-bowtie pillars was selected
to be gold due to its inert characteristics in interactions with
most chemical and biological compounds. The gold pillars were
simulated over a silicon dioxide (SiO2) substrate. The complex
dielectric constants of gold and SiO2 were obtained from Palik.

Three-dimensional FDTD simulations of the gold nano-
pillars on SiO2 substrate were carried out using the commer-
cially available FDTD soware called Lumerical FDTD
Solutions. In the FDTD simulations, plane polarized light was
incident on the plasmonic nanostructures by employing
a broadband plane wave source—with wavelengths ranging
from 300 nm to 3000 nm—placed at a distance of 500 nm above
periodic array of Au crossed-bowtie nanostructures interspaced with
R sensing arrangement using the plasmonic nanostructures; and (c)
th and ‘d’ is the edge-to-edge gap distance between all the pillars. The
t of the nanopillars is 50 nm.

RSC Adv., 2021, 11, 8096–8106 | 8097
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the surface of the substrate. Due to the symmetry of the nano-
structure geometry along both x- and y-axes, the reection
spectra and performance characteristics were found to be the
same for both s- and p-polarized light. The top and bottom
boundaries of the simulation region were taken to be perfectly
matched layers (PML). Convergence studies were carried out to
determine the appropriate grid size for which the FDTD simu-
lations are convergent (i.e. the simulation results do not change
on further decrease of the grid size). A mesh of 1 � 1 � 1 nm3

has been taken in the region containing the plasmonic nano-
structures for the bulk sensing analysis. For localized sensing
analysis, the mesh size was reduced to 0.4 � 0.4 � 0.4 nm3 for
the region containing the plasmonic nanostructures. For both
the bulk sensing analysis and the localized sensing analysis,
non-uniform mesh grids were taken in the regions surrounding
the plasmonic nanostructures. In the FDTD simulations of the
LSPR-based bulk sensors, the ambient refractive index was
varied from 1.33 to 1.53 and the reectance spectra calculated
for the different plasmonic nanostructures.38,40 In order to
model a localized change of refractive index around the plas-
monic nanostructures (as would be caused by a biomolecular
layer), a 2 nm thin layer of a higher refractive index material (n
¼ 1.53) was added over the gold nanopillars, while the material
surrounding the 2 nm thin layer was taken to be water (n ¼
1.33).41,42 The reectance spectra of the plasmonic nano-
structures were determined by using frequency domain power
monitors placed above the plane wave source.

The proposed structure can be fabricated by focused helium
ion beam milling (HeFIB).43,44 Thin lms of plasmonic metals
such as Au can be evaporated on SiO2 substrates using either
electron beam or thermal evaporation. Subsequently using
HeFIB, the evaporated gold lm can be directly patterned by
high energy helium ions. HeFIB using 30 keV helium ions has
been employed for the controlled fabrication of sub-10 nm gaps
between metallic nanostructures, including gaps as small as
5.5 nm.44 In the plasmonic nanostructures being proposed in
this paper, very small regions of the gold lm need to be milled
Fig. 2 Reflectance spectra of plasmonic nanostructures, consisting of a p
nanocrosses, for different values of nanocross pillar width, ‘W’. The trian
kept constant at 100 nm and 6 nm, respectively. Ambient refractive inde
50 nm.

8098 | RSC Adv., 2021, 11, 8096–8106
to form the 6–10 nm gaps between the gold nanopillars.
Therefore, even with the low milling rates, HeFIB provides
a viable procedure for fabrication of the proposed
nanostructure.

Transmission electron microscopes (TEMs) have also been
used for nanosculpting metal lms45 via Transmission Electron
Beam Ablation Lithography (TEBAL). Herein, to fabricate the
nanostructures proposed in this paper, gold lms evaporated
on SiO2 substrates can be directly patterned by TEBAL, which
has reported sub-10 nm gaps between metallic nanostructures,
including gaps as small as 1.5 nm.45
3. Results and discussion
3.1 Bulk LSPR sensing

The performance of the LSPR-based sensor is given by its
sensitivity and the gure of merit, FOMbulk. The sensitivity of
the sensor is evaluated in terms of spectral shi in the plasmon
resonance dip wavelength, Dl, with respect to a change in
ambient refractive index, Dn.46 In this text, the sensitivity is
reported from the slope of the linear t trendline in the plots for
shi in plasmon resonance dip wavelength, Dl, as a function of
the ambient refractive index. The measure of performance of
the sensor is also inversely proportional to the FWHM of the
plasmon resonance dip because narrower dips are easier to
detect. Therefore, the gure of merit for the sensor is given as39

FOMbulk ¼ Dl=Dn

FWHM

The different parameters of the nanostructure geometry were
varied to determine the wavelengths of plasmon resonance dip
and the respective performance evaluated. For the analysis of
bulk sensing characteristics, the ambient refractive index in the
simulation region was varied from n¼ 1.33 to 1.53. The effect of
each of the parameters varied was studied individually and is
presented accordingly.
eriodic array of Au crossed-bowtie nanostructures interspaced with Au
gular pillar side length, ‘L’ and the edge-to-edge gap distance, ‘d’ were
x, n was taken to be 1.33. Height of the Au nanopillars was taken to be

© 2021 The Author(s). Published by the Royal Society of Chemistry
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3.1.1 Variation in the nanocross pillar width, ‘W’. For
variation in the nanocross pillar width, ‘W’ ¼ 50 nm, 75 nm,
100 nm, 125 nm, and 150 nm, the triangular pillar side length,
‘L’ and the edge-to-edge gap distance, ‘d’ were taken to be
constant at 100 nm and 6 nm, respectively. Ambient refractive
index was taken as n ¼ 1.33. Increasing the nanocross pillar
width, increases the size of the nanocross pillars. The reec-
tance spectra of the nanostructure geometry for varying width of
the nanocross pillar, ‘W’ is presented in Fig. 2.

Two primary dips are observed for all the nanostructure
geometries—which have been named, the Mode 1 and Mode 2
in Fig. 2. For the geometry under consideration, the highest
wavelength of plasmon resonance dip is referred to as the Mode
1 plasmon resonance dip. The subsequent dip at a shorter
wavelength is the Mode 2 plasmon resonance dip. Higher order
plasmon resonance dips were observed at shorter wavelengths.
All these plasmon resonance dips –Mode 1, Mode 2 and higher
order modes are from hybrid modes generated from the inter-
action between the crossed-bowtie nanostructures and the
nanocross.39

The increase in ‘W’, leads to a shi in the wavelength of
Mode 1 plasmon resonance dip towards the blue end of the
visible spectrum (a blue-shi). The change in the width of the
nanocross effectively only changes the dimension of the nano-
cross, without changing the triangles forming the nano-
bowties. Now, considering the nanocross to be a combination
of two nanorods for the sake of analysis, increasing the width
without changing the length essentially reduces the aspect ratio
of the constituent nanorods. Reducing the width of a nanorod,
while keeping a constant length, leads to a limited transverse
Fig. 3 (a) Schematic showing the plasmonic nanostructures consisting of
Au nanocrosses employed for carrying out bulk refractive index sensing. (
index for the plasmonic nanostructures with nanocross pillar width ‘W’ ¼
for: (c) Mode 1 resonance and (d) Mode 2 resonance with different nanoc
to-edge gap distance, ‘d’ were kept constant at 100 nm and 6 nm, resp

© 2021 The Author(s). Published by the Royal Society of Chemistry
movement of the free electrons within the smaller metal
volume. As predicted in the theoretical study by Gans, which
was later experimentally corroborated,47 a decreasing aspect
ratio of the nanorods leads to a blue-shi of the plasmon
response dips.48 The response due to the variation in ‘W’ of the
proposed nanostructure geometry is dominated by the nature of
the response of the nanorods as the geometry of the nanocross
changes.

In Fig. 3, the change in the reectance spectra of the plas-
monic nanostructures on varying the ambient refractive index,
n, is shown for different values of the nanocross pillar width. A
linear relationship between the shi in resonance dip and the
ambient refractive index is observed for both the Mode 1 and
Mode 2 resonances.

The bulk sensing performance characteristics of the nano-
structure geometries of different nanocross pillar widths, ‘W’ ¼
50 nm, 75 nm, 100 nm, 125 nm, and 150 nm are tabulated in
Table 1. The red-shi in the plasmon resonance dip wave-
lengths due to an increase in ambient refractive index (n) can be
observed in both the Mode 1 and Mode 2 resonance dips. As the
Mode 1 plasmon resonance dip wavelength increases with
a decrease in the nanocross pillar width, an increase in the
sensitivity of the nanostructure geometry is observed. This can
be attributed to greater shis in plasmon resonance wave-
lengths with changes in refractive index occurring at higher
wavelengths.49,50 A maximum sensitivity of 1194 nm RIU�1 is
observed for the nanostructure geometry with ‘W’¼ 50 nm, ‘L’¼
100 nm, and ‘d’ ¼ 6 nm at Mode 1 dip wavelength of 1760 nm.
But as the plasmon resonance dip wavelength increases with
a decrease in the nanocross pillar width, the Mode 1 plasmon
a periodic array of Au crossed-bowtie nanostructures interspaced with
b) Shift in the reflectance spectra due to a change in ambient refractive
50 nm. Shift in dip wavelength as a function of ambient refractive index
ross pillar widths ‘W’. The triangular pillar side length, ‘L’ and the edge-
ectively. Height of the Au nanopillars was taken to be 50 nm.

RSC Adv., 2021, 11, 8096–8106 | 8099
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Table 1 Bulk sensing performance characteristics of the plasmonic nanostructures—consisting of a periodic array of Au crossed-bowtie
nanostructures interspaced with Au nanocrosses—employed to detect changes in the ambient refractive index, for different values of nanocross
pillar width ‘W’. The triangular pillar side length, ‘L’ and the edge-to-edge gap distance, ‘d’ were taken to be 100 nm and 6 nm. Height of the Au
nanopillars was taken to be 50 nm

Nanocross pillar width, ‘W’ (in nm) 50 75 100 125 150
Mode 1 dip wavelength for n ¼ 1.33 (nm) 1760 1710 1700 1670 1670
Mode 1 sensitivity (nm RIU�1) 1194 1118 1106 1086 1086
Mode 1 dip FWHM for n ¼ 1.33 400 290 250 240 180
Mode 1 FOMbulk (RIU

�1) 2.99 3.86 4.42 4.53 6.03
Mode 2 dip wavelength for n ¼ 1.33 (nm) 1390 1360 1400 1370 1370
Mode 2 sensitivity (nm RIU�1) 967 935 969 904 904
Mode 2 dip FWHM for n ¼ 1.33 160 170 160 150 140
Mode 2 FOMbulk (RIU

�1) 6.04 5.50 6.06 6.03 6.46
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resonance dip becomes broader and has a much higher FWHM
value. Therefore, the gure of merit for the nanostructure
geometry decreases with a decrease in ‘W’. The Mode 2 plasmon
resonance dips occur at shorter wavelengths. Consequently,
they have smaller FWHM and therefore a higher FOMbulk as
compared to the respective Mode 1 plasmon resonance dip.
Maximum FOMbulk of 6.46 RIU�1 is observed at the Mode 2
resonance dip wavelength (occurring at l ¼ 1370 nm) of the
nanostructure geometry with ‘W’ ¼ 150 nm, ‘L’ ¼ 100 nm, and
‘d’ ¼ 6 nm.

3.1.2 Variation in the triangular pillar side length, ‘L’. For
studying the effect of variation in the side length ‘L’ of the
triangular pillar, the values of ‘L’ were varied from 80 nm to
160 nm, keeping the nanocross pillar width ‘W’, the edge-to-edge
gap distance ‘d’, and the ambient refractive index n to be
constant at 100 nm, 6 nm, and 1.33, respectively. By increasing
the side length of the isosceles triangular pillars, the area of the
nanostructure geometry increases along with the length of the
nanocross arms. The reectance spectra of the different geom-
etries for varying triangular pillar side length is shown in Fig. 4.

The primary Mode 1 andMode 2 plasmon resonance dips are
prominent for all the curves. Higher order modes are more
discernible for larger nanostructure geometries. Moreover, as
‘L’ increases, the wavelengths of plasmon resonance dip shis
Fig. 4 Reflectance spectra of plasmonic nanostructures, consisting of a p
nanocrosses, for different values of the triangular pillar side length, ‘L’. The
at 100 nm and 6 nm, respectively. Ambient refractive index, n was taken

8100 | RSC Adv., 2021, 11, 8096–8106
to higher values of the spectrum (red-shi) for all the resonance
dips.39,51 In the proposed nanostructure geometry, increasing
the side length ‘L’ of the triangle, increases the length of the
nanocross as well. Continuing with the nanorod analysis of the
nanocross, we now have here nanorods with a constant width
and increasing length, which effectively leads to an increasing
aspect ratio of the nanorods. A longer length of the nanorod,
keeping the width constant, allows greater longitudinal move-
ment of the free electrons. Increasing the aspect ratio therefore,
leads to a red-shi of the plasmon resonance dip.

The change in the plasmon resonance dip wavelengths (for
both Mode 1 and Mode 2) with a change in the ambient
refractive index is shown in Fig. 5 for different values of the
triangular pillar side length ‘L’. The bulk sensing characteristics
of the nanostructure geometries with different triangular pillar
side lengths, ‘L’ ¼ 80 nm, 90 nm, 100 nm, 120 nm, 140 nm, and
160 nm have been tabulated in Table 2. The plasmonic nano-
structure having geometrical parameters ‘W’ ¼ 100 nm, ‘L’ ¼
90 nm, and ‘d’ ¼ 6 nm is particularly signicant due to its
operability near the 1310 nm and 1550 nm communication
wavelength regimes, i.e. these nanostructures have plasmon
resonance dips around these wavelengths. Both Mode 1 and
Mode 2 plasmon resonance dips shi to greater wavelength
values as the side length, ‘L’ increases. The sensitivity of the
eriodic array of Au crossed-bowtie nanostructures interspacedwith Au
nanocross pillar width, ‘W’ and the gap distance, ‘d’were kept constant
to be 1.33. Height of the Au nanopillars was taken to be 50 nm.

© 2021 The Author(s). Published by the Royal Society of Chemistry
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Table 2 Bulk sensing performance characteristics of the plasmonic nanostructures—consisting of a periodic array of Au crossed-bowtie
nanostructures interspaced with Au nanocrosses—employed to detect changes in the ambient refractive index, for different values of triangular
pillar side length ‘L’. The nanocross pillar width, ‘W’ and the edge-to-edge gap distance, ‘d’ were taken to be 100 nm and 6 nm. Height of the Au
nanopillars was taken to be 50 nm

Triangular pillar side length, ‘L’ (in nm) 80 90 100 120 140 160
Mode 1 dip wavelength for n ¼ 1.33 (nm) 1410 1530 1700 2000 2280 2540
Mode 1 sensitivity (nm RIU�1) 1000 1000 1106 1301 1549 1753
Mode 1 dip FWHM for n ¼ 1.33 180 210 250 320 360 480
Mode 1 FOMbulk (RIU

�1) 5.56 4.76 4.42 4.07 4.30 3.65
Mode 2 dip wavelength for n ¼ 1.33 (nm) 1180 1270 1400 1610 1840 2020
Mode 2 sensitivity (nm RIU�1) 753 839 969 1065 1247 1339
Mode 2 dip FWHM for n ¼ 1.33 110 130 160 210 200 230
Mode 2 FOMbulk (RIU

�1) 6.85 6.45 6.06 5.07 6.24 5.82

Fig. 5 Shift in dip wavelength as a function of ambient refractive index around plasmonic nanostructures consisting of a periodic array of Au
crossed-bowtie nanostructures interspaced with Au nanocrosses for: (a) Mode 1 resonance and (b) Mode 2 resonance with different values of
triangular pillar side length ‘L’. The nanocross pillar width, ‘W’ and the edge-to-edge gap distance, ‘d’were 100 nm and 6 nm, respectively. Height
of the Au nanopillars was taken to be 50 nm.
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nanostructure geometry can be correlated with the plasmon
resonance dip wavelength—as the value of the dip wavelength
increases with ‘L’, so does the sensitivity. This can be explained
on the basis of greater shis in plasmon resonance wavelength
(on changing the refractive index of the surrounding medium)
occurring at higher wavelengths.49 Maximum sensitivity of
1753 nm RIU�1 is obtained for the nanostructure geometry with
‘W’ ¼ 100 nm, ‘L’ ¼ 160 nm, and ‘d’ ¼ 6 nm for the Mode 1
plasmon resonance dip wavelength (occurring at l ¼ 2540 nm)
with FOMbulk of 3.65 RIU�1. On the other hand, the gure of
merit mostly decreases even though the sensitivity increases
with ‘L’, due to a greater increase in the FWHM (from the
broadening of the dips) as ‘L' is increased. Highest FOMbulk of
6.85 RIU�1 was observed in the Mode 2 plasmon resonance dip
of the nanostructure geometry with ‘W’ ¼ 100 nm, ‘L’ ¼ 80 nm,
and ‘d’ ¼ 6 nm.

3.1.3 Variation in the gap distance, ‘d’. The edge-to-edge
gap distance was varied as ‘d’ ¼ 6 nm, 8 nm, 10 nm, and
12 nm, keeping both the nanocross pillar width, ‘W’ and the
triangular pillar side length, ‘L’ constant at 100 nm. Ambient
refractive index, n was taken to be 1.33. The combined area of
the nanopillars does not change as both the parameters used to
set their size—‘W’ and ‘L’, are not changing. As the separation
‘d’ between the nanopillars increases, it effectively increases the
area of the simulated nanostructure geometry. The reectance
spectra of the nanostructure geometries with different gap
distances are shown in Fig. 6.
© 2021 The Author(s). Published by the Royal Society of Chemistry
The Mode 1, Mode 2 and additional higher modes of reso-
nance are observed in all the curves of Fig. 6. A blue-shi was
observed in the wavelengths of plasmon resonance dip, with an
increase in the edge-to-edge gap distance between the pillars.27

The variation of the ambient refractive index of the nano-
structure geometry leads to a shi in their plasmon resonance
dip wavelength, which is presented in Fig. 7. The bulk sensing
characteristics obtained from the reectance spectra of the
plasmonic nanostructures shown in Fig. 7 for different values of
the edge-to-edge gap distance ‘d’ have been tabulated in Table 3.
The wavelength of plasmon resonance dip red-shis as the
ambient refractive index is increased from n ¼ 1.33 to 1.53. It
can be observed from Fig. 7 that the nanostructure geometry
with the smallest gap ‘d' has the highest sensitivity. This can be
attributed to higher EM elds in the gap region for smaller
values of gap ‘d’. Moreover, as the gap between the nano-
structures is decreased, there is a decrease in the restoring force
acting on the conduction band electrons of the plasmonic
metal. This leads to a decrease in the plasma frequency, which
further leads to an increase in the plasmon resonance wave-
length associated with the nanostructures. As the plasmon
resonance dips occurring at higher wavelengths show greater
bulk refractive index sensitivity,49 a decrease in the gap distance
‘d’ leads to an increase in the sensitivity. We can observe from
Table 3 that there is a signicant drop in the sensitivity of the
nanostructure geometries with an increase in the gap distance
‘d’, while there is only a moderate variation in the value of
RSC Adv., 2021, 11, 8096–8106 | 8101
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Fig. 7 Shift in dip wavelength as a function of ambient refractive index around plasmonic nanostructures consisting of a periodic array of Au
crossed-bowtie nanostructures interspaced with Au nanocrosses for: (a) Mode 1 resonance and (b) Mode 2 resonance with different values of
edge-to-edge gap distance ‘d’. The nanocross pillar width, ‘W’ and the triangular pillar side length, ‘L’ were 100 nm and 100 nm, respectively.
Height of the Au nanopillars was taken to be 50 nm.

Fig. 6 Reflectance spectra of plasmonic nanostructures, consisting of a periodic array of Au crossed-bowtie nanostructures interspaced with Au
nanocrosses, for a change in edge-to-edge gap distance, ‘d’. The nanocross pillar width, ‘W’ and the triangular pillar side length, ‘L’ were kept
constant at 100 nm and 100 nm, respectively. Ambient refractive index, n, was taken to be 1.33. Height of the Au nanopillars was taken to be
50 nm.

Table 3 Bulk sensing performance characteristics of the plasmonic
nanostructures—consisting of a periodic array of Au crossed-bowtie
nanostructures interspaced with Au nanocrosses—employed to detect
changes in the ambient refractive index, for different values of edge-
to-edge gap distance ‘d’. The nanocross pillar width, ‘W’ and triangular
pillar side length, ‘L’were taken to be 100 nm and 100 nm, respectively.
Height of the Au nanopillars was taken to be 50 nm

Gap distance, ‘d’ (in nm) 6 8 10 12
Mode 1 dip wavelength for n ¼ 1.33 (nm) 1700 1490 1470 1400
Mode 1 sensitivity (nm RIU�1) 1106 1000 935 935
Mode 1 dip FWHM for n ¼ 1.33 250 220 240 210
Mode 1 FOMbulk (RIU

�1) 4.42 4.55 3.90 4.45
Mode 2 dip wavelength for n ¼ 1.33 (nm) 1400 1240 1140 1100
Mode 2 sensitivity (nm RIU�1) 969 767 699 634
Mode 2 dip FWHM for n ¼ 1.33 160 130 170 220
Mode 2 FOMbulk (RIU

�1) 6.06 5.90 4.11 2.88
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FWHM. Hence, the highest Mode 1 sensitivity of 1106 nm RIU�1

with a gure of merit of 4.42 RIU�1 is obtained for the nano-
structure geometry having the smallest gap distance (i.e. for ‘d’¼ 6
nm). The highest Mode 2 sensitivity of 969 nm RIU�1 with a gure
of merit of 6.06 RIU�1 is also obtained for ‘d’ being 6 nm.
8102 | RSC Adv., 2021, 11, 8096–8106
3.1.4 Plasmon resonance modes. The plasmon resonance
dips have been further established through spatial distributions
of the electric-eld enhancements around the plasmonic
nanostructures. Fig. 8(a) shows the spatial distribution of the
electric-eld enhancement around the plasmonic nano-
structures described in this paper at the Mode 2 plasmon
resonance dip (l ¼ 1400 nm) while Fig. 8(c) shows the distri-
bution at theMode 1 plasmon resonance dip (l¼ 1700 nm). The
spatial distributions of the electric-eld enhancement at the
peak frequency (l ¼ 1530 nm) between the resonance modes is
shown in Fig. 8(b). Finally, for wavelengths beyond the Mode 1
resonance, an off-resonance eld prole at l ¼ 2000 nm is
shown in Fig. 8(d).
3.2 Localized LSPR sensing

In localized LSPR sensing, it is assumed that the plasmonic
nanostructures (periodic array of Au crossed-bowtie nano-
structures interspaced with Au nanocrosses) are coated with
a 2 nm thick layer of a biomolecule (analyte) having a higher
refractive index as compared to the solvent (ambient refractive
© 2021 The Author(s). Published by the Royal Society of Chemistry
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Fig. 8 Spatial distribution of the electric-field enhancements around the plasmonic nanostructures, consisting of a periodic array of Au crossed-
bowtie nanostructures interspaced with Au nanocrosses, with ‘W’ ¼ 100 nm, ‘L’ ¼ 100 nm, ‘d’ ¼ 6 nm, and the ambient refractive index, n ¼ 1.33
for: (a) Mode 2 plasmon resonance dip at l ¼ 1400 nm, (b) off-resonance dip at l ¼ 1530 nm, (c) Mode 1 resonance dip at l ¼ 1700 nm, and (d)
off-resonance tail at l ¼ 2000 nm.
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index). The sensitivity of a localized LSPR sensor is therefore
evaluated as the spectral shi in plasmon resonance dip wave-
length, Dl with respect to the thickness of the analyte layer, ‘t’
for a given non-changing background refractive index, n.52 The
equivalent gure of merit of a localized LSPR sensor is given by53

FOMlocalized ¼ Dl=t

FWHM

The plasmonic nanostructures with nanocross pillar width,
‘W’ ¼ 100 nm, triangular pillar side length, ‘L’ ¼ 80 nm, 90 nm,
and 120 nm, edge-to-edge gap distance, ‘d’¼ 6 nm, and ambient
refractive index, n ¼ 1.33 were considered for their wavelengths
of plasmon resonance dip and performance characteristics
such as sensitivity of localized LSPR sensing (Dl/t) and
FOMlocalized. Sensitivity was evaluated for an additional 2 nm
layer of a material with higher refractive index, nL ¼ 1.53 over
the Au nanopillars. The reectance spectra of the nanostructure
geometries in the absence and presence of the 2 nm higher
refractive index material layer is shown in Fig. 9. As discussed
previously in Section 3.1.2, both the Mode 1 and the Mode 2
plasmon resonance dips have a red-shi, as the side length ‘L’
increases, the data for which has been tabulated in Table 4.
Highest sensitivity of 70 nm/nm is obtained for the
© 2021 The Author(s). Published by the Royal Society of Chemistry
nanostructure geometry with ‘W’¼ 100 nm, ‘L’¼ 90 nm, and ‘d’
¼ 6 nm at the Mode 1 plasmon resonance dip wavelength
(occurring at a wavelength of 1530 nm).

Table 5 shows a performance comparison of the proposed
nanostructure with that of published plasmonic nanoparticle
and nanostructure literature. It can clearly be observed from
Table 5 that the plasmonic nanostructures being proposed
provide a very high value of bulk sensitivity of 1753 nm RIU�1

(with a fairly high gure of merit for bulk sensing (FOMbulk) of
3.65 RIU�1), which is higher in comparison to previously
proposed nanopillar based.

LSPR sensors such as those based on plasmonic nanorings54

and Fano resonances.39,55 Although some previously reported
LSPR sensors, including those based on Fano resonances,39,55

have provided values of FOMbulk as high as �10.6 RIU�1, the
values of bulk sensitivity of those sensors are much lower than
that reported in our paper. We also observe from Table 5 that
the optimized LSPR sensors being proposed in this paper
provide the maximum sensitivity of localized refractive index
sensing of 70 nm/nm with a FOMlocalized of 0.33 nm�1. This
value sensitivity of localized refractive index sensing is the
highest reported thus far in comparison with previously re-
ported LSPR sensors,56 at least 3 times higher in comparison
with nanopillar based plasmonic sensors57,58 and �27 times
RSC Adv., 2021, 11, 8096–8106 | 8103
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Table 4 Localized sensing performance characteristics of the plasmonic nanostructures—consisting of a periodic array of Au crossed-bowtie nano-
structures interspaced with Au nanocrosses—employed to detect localized changes in the refractive index caused by the addition of a 2 nm biomolecule
layer of n ¼ 1.53 over the nanopillars, for different values of triangular pillar side length ‘L’. The nanocross pillar width, ‘W’ and the edge-to-edge gap
distance, ‘d’ were taken to be 100 nm and 6 nm. Ambient refractive index, n was taken to be 1.33. Height of the Au nanopillars was taken to be 50 nm

Triangular pillar side length, ‘L’ (in nm) 80 90 120
Mode 1 dip wavelength for n ¼ 1.33 (nm) 1410 1530 2000
Mode 1 sensitivity (nm nm�1) for t ¼ 2 nm, and Dn ¼ 0.2 50 70 65
Mode 1 dip FWHM for n ¼ 1.33 150 210 260
Mode 1 FOMlocalized (nm�1) 0.33 0.33 0.25
Mode 2 dip wavelength for n ¼ 1.33 (nm) 1180 1270 1610
Mode 2 sensitivity (nm nm�1) for t ¼ 2 nm, and Dn ¼ 0.2 50 40 50
Mode 2 dip FWHM for n ¼ 1.33 90 130 170
Mode 2 FOMlocalized (nm�1) 0.56 0.31 0.29

Fig. 9 (a) Schematic showing the plasmonic nanostructures consisting of a periodic array of Au crossed-bowtie nanostructures interspaced with
Au nanocrosses employed for localized sensing. Shift in the reflectance spectra due to the addition of a 2 nm biomolecule layer having
a refractive index of 1.53 over the plasmonic nanostructures, for different values of the triangular pillar side length ‘L’: (b) ‘L’ ¼ 80 nm, (c) ‘L’ ¼
90 nm, and (d) ‘L’ ¼ 120 nm. The nanocross pillar width, ‘W’ and the edge-to-edge gap distance, ‘d’ were taken to be 100 nm and 6 nm,
respectively. Ambient refractive index, n was taken to be 1.33. Height of the Au nanopillars was taken to be 50 nm.

Table 5 Characteristics of published plasmonic sensors

Nanostructure(ref)
Sensitivity (bulk)
(nm RIU�1) FOMbulk (RIU

�1)
Sensitivity (localized)
(nm nm�1) FOMlocalized (nm�1)

Heptamer nanohole array59 400 — 2
Heptamer nanospheres55 514 10.6
Nanobipyramid60 540 4.5 — —
Metamaterial61 588 3.8 — —
Nanostar62 879 10.7 — —
Nanoellipsoid63 �450 �9.5 �8 �0.15
Nanocross39 1140 5 — —
Capped nanoslits23 — — 2.58 —
Nanorings54 1300 5 12 0.035
Functionalized nanorods58 — — 12.34 —
Nanocube patch antenna57 — — 22 —
Proposed nanostructure 1753 3.65a–6.85 70 0.33

a FOMbulk ¼ 3.65 RIU�1 when bulk sensitivity is 1753 nm RIU�1.

8104 | RSC Adv., 2021, 11, 8096–8106 © 2021 The Author(s). Published by the Royal Society of Chemistry
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higher than those reported for plasmonic sensors based on
Fano resonances.23,59Moreover, LSPR sensors being proposed in
this paper provide a much higher value of FOMlocalized than
those reported previously.
4. Conclusions

The theoretical investigation of a novel nanostructure geometry,
consisting of a periodic array of Au crossed-bowtie nano-
structures interspaced with Au nanocrosses, as a LSPR-based
refractive index sensor was presented. Several geometric
parameters were varied to study their distinct effects on the
performance of said nanostructure geometry. Smaller gap
distance between the nanopillars gave the highest sensitivity
and gure of merit, with high localized electric-eld enhance-
ment. For variation in the nanocross pillar width and triangular
pillar side length, there was a trade-off between high sensitivity
and high gure of merit. While increasing the nanocross pillar
width led to a decrease in sensitivity and higher gure of merit,
increasing the triangular pillar side length results in a higher
sensitivity and lower gure of merit. The Mode 1 and Mode 2
dips of plasmon resonance were primarily observed for the
nanostructure geometry. Increasing the triangular pillar side
length leads to red-shi of the resonance wavelengths, whereas
increasing the nanocross pillar width causes a blue-shi of the
resonance wavelengths. Changes in the surrounding refractive
index—bulk change or localized, brings about a red-shi in the
reectance spectra of the nanostructure geometry. The response
of the nanostructure geometry was studied for a wide spectrum,
and thus can be suitably tailored for multiple applications. By
varying the geometrical parameters of these plasmonic nano-
structures, the plasmon resonance wavelengths of these LSPR
sensors can also be tunably varied for a wide spectral range. The
geometrical parameters of the plasmonic nanostructures—such
as nanocross pillar width, the triangular pillar side length, and
edge-to-edge gap distance—were varied to enable these LSPR-
based sensors to operate at communication wavelengths
(1310 nm and 1550 nm). This nanostructure geometry (‘W’ ¼
100 nm, ‘L’ ¼ 90 nm, and ‘d’ ¼ 6 nm) has a maximum bulk
sensitivity of 1000 nm RIU�1 with FOMbulk ¼ 4.76 RIU�1, and
a localized sensitivity of 70 nm/nm (for Dn ¼ 0.2) with
FOMlocalized ¼ 0.33 nm�1. This sensitivity of localized refractive
index sensing is the highest reported thus far for LSPR-based
sensors. The highest value of bulk sensitivity of 1753 nm
RIU�1, with a gure of merit for bulk sensing (FOMbulk) of 3.65
RIU�1, was obtained for certain optimized geometrical param-
eters of these plasmonic nanostructures (‘W’ ¼ 100 nm, ‘L’ ¼
160 nm, and ‘d’ ¼ 6 nm). This value of bulk sensitivity is higher
in comparison to previously proposed LSPR sensors based on
plasmonic nanopillars and nanocrosses. Hence, the plasmonic
nanostructures being proposed in this paper can be employed
for highly sensitive detection of biomolecules of interest.
Conflicts of interest

There are no conicts to declare.
© 2021 The Author(s). Published by the Royal Society of Chemistry
Acknowledgements

This research was supported in part by the Visvesvaraya PhD
Scheme of Ministry of Electronics & Information Technology,
Government of India, being implemented by Digital India
Corporation (formerly Media Lab Asia). It was also supported by
the Ministry of Human Resource Development (MHRD)
(RP03246G: UAY program, RP03417G: IMPRINT program), the
Science and Engineering Research Board (SERB) (RP03055G),
the Department of Biotechnology, the Ministry of Science and
Technology (DBT) (RP03150G, RP02829G), and the Defense
Research and Development Organization (DRDO) (RP03356G,
RP03436G, and RP03437G). Above all, A. D. would like to thank
Lord Jesus for blessing this work.

References

1 K. A. Willets and R. P. Van Duyne, Annu. Rev. Phys. Chem.,
2007, 58, 267–297.

2 D. Chahinez, T. Reji and R. Andreas, RSC Adv., 2018, 8,
19616–19626.

3 M. M. Miller and A. A. Lazarides, J. Phys. Chem. B, 2005, 109,
21556–21565.

4 K. M. Mayer, S. Lee, H. Liao, B. C. Rostro, A. Fuentes,
P. T. Scully, C. L. Nehl and J. H. Hafner, ACS Nano, 2008, 2,
687–692.

5 F. Frederix, J. M. Friedt, K. H. Choi, W. Laureyn,
A. Campitelli, D. Mondelaers, G. Maes and G. Borghst,
Anal. Chem., 2003, 75, 6894–6900.

6 X. Gong, J. Tang, Y. Ji, B. Wu, H. Wu and A. Liu, RSC Adv.,
2015, 5, 42653–42662.

7 H. R. Hegde, S. Chidangil and R. K. Sinha, Sens. Actuators, A,
2020, 305, 111948.

8 A. De Leebeeck, L. K. S. Kumar, V. De Lange, D. Sinton,
R. Gordon and A. G. Brolo, Anal. Chem., 2007, 79, 4094–4100.

9 G. Xiang, N. Zhang and X. Zhou, Nanoscale Res. Lett., 2010, 5,
818–822.

10 T. Rindzevicius, Y. Alaverdyan, M. Käll, W. A. Murray and
W. L. Barnes, J. Phys. Chem. C, 2007, 111, 11806–11810.

11 C. D. Chen, S. F. Cheng, L. K. Chau and C. R. C. Wang,
Biosens. Bioelectron., 2007, 22, 926–932.

12 K. Lodewijks, W. Van Roy, G. Borghs, L. Lagae and P. Van
Dorpe, Nano Lett., 2012, 12, 1655–1659.

13 C. Y. Tsai, S. P. Lu, J. W. Lin and P. T. Lee, Appl. Phys. Lett.,
2011, 98, 153108.

14 A. Shiohara, J. Langer, L. Polavarapu and L. M. Liz-Marzán,
Nanoscale, 2014, 6, 9817–9823.

15 S. K. Dondapati, T. K. Sau, C. Hrelescu, T. A. Klar,
F. D. Stefani and J. Feldmann, ACS Nano, 2010, 4, 6318–6322.

16 L. Zhang, J. Zhang, F. Wang, J. Shen, Y. Zhang, L. Wu, X. Lu,
L. Wang, Q. Fan and W. Huang, RSC Adv., 2018, 8, 5792–
5796.

17 S. W. Lee, K. S. Lee, J. Ahn, J. J. Lee, M. G. Kim and Y. B. Shin,
ACS Nano, 2011, 5, 897–904.

18 Y. Liang, H. Zhang, W. Zhu, A. Agrawal, H. Lezec, L. Li,
W. Peng, Y. Zou, Y. Lu and T. Xu, ACS Sens., 2017, 2, 1796–
1804.
RSC Adv., 2021, 11, 8096–8106 | 8105

http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d0ra09012c


RSC Advances Paper

O
pe

n 
A

cc
es

s 
A

rt
ic

le
. P

ub
lis

he
d 

on
 1

8 
Fe

br
ua

ry
 2

02
1.

 D
ow

nl
oa

de
d 

on
 7

/1
3/

20
25

 8
:4

5:
12

 A
M

. 
 T

hi
s 

ar
tic

le
 is

 li
ce

ns
ed

 u
nd

er
 a

 C
re

at
iv

e 
C

om
m

on
s 

A
ttr

ib
ut

io
n 

3.
0 

U
np

or
te

d 
L

ic
en

ce
.

View Article Online
19 F. Hao, P. Nordlander, Y. Sonnefraud, P. Van Dorpe and
S. A. Maier, ACS Nano, 2009, 3, 643–652.

20 W. R. Erwin and R. Bardhan, J. Phys. Chem. C, 2016, 120,
29423–29431.

21 Q. Zhang, X. Wen, G. Li, Q. Ruan, J. Wang and Q. Xiong, ACS
Nano, 2013, 7, 11071–11078.

22 K. L. Lee, J. Bin Huang, J. W. Chang, S. H. Wu and P. K. Wei,
Sci. Rep., 2015, 5, 8547.

23 K. L. Lee, H. Y. Hsu, M. L. You, C. C. Chang, M. Y. Pan, X. Shi,
K. Ueno, H. Misawa and P. K. Wei, Sci. Rep., 2017, 7, 44104.

24 L. Niu, J. B. Zhang, Y. H. Fu, S. Kulkarni and
B. Luky`anchuk, Opt. Express, 2011, 19, 22974.

25 S. Golmohammadi and A. Ahmadivand, Plasmonics, 2014, 9,
1447–1456.

26 L. Guo, J. A. Jackman, H. H. Yang, P. Chen, N. J. Cho and
D. H. Kim, Nano Today, 2015, 10, 213–239.

27 N. S. King, L. Liu, X. Yang, B. Cerjan, H. O. Everitt,
P. Nordlander and N. J. Halas, ACS Nano, 2015, 9, 10628–
10636.

28 Y. Ren, S. Hu, B. Ji, P. Zou, L. Liu and Y. Li, Sens. Bio-Sensing
Res., 2017, 15, 5–11.

29 Y. Cui, J. Zhou, V. A. Tamma andW. Park, ACS Nano, 2012, 6,
2385–2393.

30 S. Zhang, K. Bao, N. J. Halas, H. Xu and P. Nordlander, Nano
Lett., 2011, 11, 1657–1663.

31 T. Chung, S. Y. Lee, E. Y. Song, H. Chun and B. Lee, Sensors,
2011, 11, 10907–10929.

32 S. Szunerits and R. Boukherroub, Chem. Commun., 2012, 48,
8999–9010.

33 S. Wang, X. Sun, M. Ding, G. Peng, Y. Qi, Y. Wang and J. Ren,
J. Phys. D: Appl. Phys., 2018, 51, 045101.

34 C. Y. Chang, H. T. Lin, M. S. Lai, T. Y. Shieh, C. C. Peng,
M. H. Shih and Y. C. Tung, Sci. Rep., 2018, 8, 1–8.

35 B. Wang, S. C. Singh, H. Lu and C. Guo, Plasmonics, 2020, 15,
609–621.

36 G. Klös, M. Miola and D. S. Sutherland, J. Phys. Chem. C,
2019, 123, 7347–7355.

37 I. Misbah, F. Zhao and W. C. Shih, ACS Appl. Mater.
Interfaces, 2019, 11, 2273–2281.

38 S. Larson, Z. Yang and Y. Zhao, Chem. Commun., 2019, 55,
1342–1344.

39 N. Verellen, P. Van Dorpe, C. Huang, K. Lodewijks,
G. A. E. Vandenbosch, L. Lagae and V. V. Moshchalkov,
Nano Lett., 2011, 11, 391–397.

40 E. M. Larsson, J. Alegret, M. Kǎll and D. S. Sutherland, Nano
Lett., 2007, 7, 1256–1263.

41 S. Elhadj, G. Singh and R. F. Saraf, Langmuir, 2004, 20, 5539–
5543.
8106 | RSC Adv., 2021, 11, 8096–8106
42 A. Dhawan, M. Canva and T. Vo-Dinh, Opt. Express, 2011, 19,
787.

43 H. Kollmann, X. Piao, M. Esmann, S. F. Becker, D. Hou,
C. Huynh, L. O. Kautschor, G. Bösker, H. Vieker, A. Beyer,
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