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Launching deep subwavelength bulk plasmon
polaritons through hyperbolic metamaterials for
surface imaging with a tuneable ultra-short
illumination deptht

Weijie Kong,* Wenjuan Du,1*® Kaipeng Liu, Changtao Wang,® Ling Liu,?
Zeyu Zhao? and Xiangang Luo*®

Hyperbolic metamaterials (HMMs) composed of multiple nanometal-dielectric films are proposed for
launching deep subwavelength bulk plasmon polaritons (BPPs) as uniform, large area surface imaging
illumination sources with a skin depth even beyond 10 nm. Benefiting from the coupled plasmon modes
over a wide wavevector range in HMMs, the illumination depth could be continually tuned, simply by
adjusting the incidence angle of light impinged on a grating structure for BPP excitation. As an example,
the illumination depths of 19-63 nm at a light wavelength of 532 nm are demonstrated with SiO,—-Ag
multifilms. Moreover, the structure holds its deep subwavelength illumination depth for a broad light
wavelength range, resembling that of light total internal reflection in a prism with an ultra high refractive
index. Furthermore, a fluorescent nanoparticle based micro-zone system was employed for estimating
the illumination depth of the HMM structure. The method is believed to provide access for surface

www.rsc.org/nanoscale

Introduction

Interfacial and near-surface events, such as the cell plasma mem-
brane fusion of synaptic vesicles and the movement of single
molecules during signal transduction,’ are key components of
physical and biological systems. These events occur in the
plasma membrane orientation at a distance of tens of nano-
meters and even below.” In traditional fluorescence microscopy®
as a common tool for imaging fluorophore-labeled biological
samples, the entire samples are flooded with excitation light,
and the images of the surface zone are easily deteriorated by the
fluorescence excited outside the layer of interest. In order to
reduce the unwanted light from internal samples and achieve
the surface images of samples with high contrast, only the
surface zone needs to be illuminated. Total internal reflection
fluorescence microscopy (TIRFM),*” also termed evanescent
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imaging features in ultra thin layers especially for bio-samples.

wave fluorescence microscopy, selectively excites the fluorescent
labeled entities located near the surface. Two kinds of TIRFM
illumination setups are usually employed in the form of a prism®
and an immersion objective with a ring diaphragm,’ respectively.
Due to the high surface confinement of the illumination profile,
the internal fluorescence of samples is inhibited and the
contrast of the surface images of samples could be considerably
improved.®'® Recently, Ramachandran et al'' presented a
simple TIRFM structure by side illuminating a thin cover glass
plate with LED light. In the above methods, the minimum
depth, din, of illumination is mainly determined by the refrac-
tive index of a solid prism or immersion oil, on the interface of
which bio-samples’ light total internal reflection occurs. Due to
the limitation of the available high refractive index, the
dmin attained in experiments is approximately only 100-200 nm,
implying the failure of good surface observation for weak signals
in bio-activities confined within ultra-thin surface films, such as
a cell membrane with a thickness of approximately 4-6 nm.">™*
To obtain a much smaller illumination depth, a dielectric
film with hundreds of nanometer thickness and a high refrac-
tive index is proposed for evanescent wave illumination.”®™” In
this way, the leaked evanescent mode component outside the
thin film as a waveguide is utilized for illuminating the surface
zone of samples above it. Compared with prism and immersion
objective illumination, a higher refractive index could be easily
obtained for a thin film and help to yield a smaller depth.
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For example, a TiO, film (n = 2.5) delivers three discrete illumi-
nation depths of 39 nm, 25 nm and 19 nm for a variant side
excitation grating period and a fixed laser light wavelength.'®

Surface imaging could also be performed by employing
surface plasmon polariton (SPP) illumination.'*' SPPs are
electromagnetic excitations propagating at the dielectric/
conductor interface, evanescently confined in the perpendicular
direction, which have been employed for super resolution
lithography®>** and other subwavelength electromagnetic
applications.>**> When the light is coupled into the metal film
by using a prism,*® an optically matched microscopy objective
lens®” or diffraction gratings,”® the SPPs near the surface of
the metal film would be generated and the evanescent field is
employed for illuminating samples with a small penetration
depth. But it is hard to launch deep subwavelength SPP modes
with a high transverse wavevector for the problem of associated
great light absorption, thus the ultra-short illumination depth
could not be achieved by a single metal film. Moreover,
because of the weak suppression capability for electromagnetic
modes outside the filtering window of a single metal film, the
light modes with a low transverse wavevector would leak into
SPP modes, which could worsen the surface images drastically.

For the illumination applications, the light intensity
uniformity and the illumination area are considered. To realize
uniform surface illumination, the key point is to launch the
single evanescent wave mode and inhibit any other light modes
in the same region. For a single metal film, multiple electro-
magnetic modes would be launched and thus the interference
among them could result in a nonuniform illumination inten-
sity, which is harmful for imaging. Furthermore, the limited
area size for illumination would be encountered for both thin
film waveguide and SPPs excited by a single metal film, mainly
due to the light scattering and absorption loss as surface modes
propagating transversally over the illumination area.

In this paper, we propose and demonstrate that deep sub-
wavelength surface illumination imaging could be realized by
launching the bulk plasmon polariton mode in hyperbolic
metamaterials (HMMs) composed of multiple nanometal-
dielectric films. The unique feature of HMMs for coupled
super mode of excited free electrons oscillation in a volume
space, instead of being confined in two dimensional spaces
like SPPs,> help to support deep subwavelength evanescent
waves and inhibit other light modes diffracted by excitation
gratings.?® This delivers a uniform and large area surface illu-
mination field with an even sub-10 nm depth, a continually
tuneable illumination depth obtained by simply adjusting the
light incidence angle, and successful operation held in a wide
light wavelength range. It is believed that this method helps to
give a potential way for imaging nano cell plasma membranes
and other samples with ultra-thin layers of interest etc.

Design and principles

The schematic of the BPP illumination structure employing
HMM is presented in Fig. 1(a). A monochromatic plane wave
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in transverse magnetic (TM) polarization impinges from the
substrate side upon a 1D grating close to HMM, which is
composed of alternatively stacked metal-dielectric films.
Instead of employing SPPs near the metal-dielectric interface,
here bulk plasmon polaritons (BPPs)***"! existing in the entire
bulk space of multifilms are launched and engineered to
achieve an uniform and large area surface illumination field
with an ultra-short illumination depth. The BPP modes, as the
superplasmonic modes, are formed by the mutual coupling of
plasmonic polariton fields between the adjacent metal-dielec-
tric films. Furthermore, the BPP modes show propagation
behaviors inside HMM and decay exponentially outside with
dielectric medium. To further address this point, the effective
medium theory (EMT)**?? is employed for treating the multi-
films as an anisotropic medium, and the effective permi-
ttivities in the x, y and z directions are described as:

ex=g =eqf +em(1-f) (1)

& ‘=& f +em (1-f) (2)

where ¢, and ¢4 are the permittivities of metal and dielectric
films, respectively. = hq/(hq + hy,) is the filling factor of dielec-
tric films, A, and hq are the thicknesses of metal and dielec-
tric films respectively. For TM polarization, the dispersion
relation of light inside an anisotropic medium could be
written as k,’/e, + k,’/e, = ko>, where k. and k, represent the
wavevector components along the x- and z-direction, respec-
tively; ko is the light wavevector under vacuum.

For instance, 8 pairs of alternatively stacked Ag-SiO, films
and additional one Ag film constitute a HMM. The thicknesses
of Ag and SiO, films are 20 nm and 80 nm, respectively. At a
light wavelength of 532 nm, the permittivities for Ag and SiO,
are g5y = —11.3 + 0.17i,°" and egi0, = 2.13,> respectively, and
the calculated e, = &, = —0.556 + 0.034i, &, = 2.794 + 0.002i. The
corresponding dispersion relation in EMT approximation is
shown in Fig. 1(b) (red line). It is clear that the dispersion
relation shows a hyperbolic shape, enabling propagation of
light with an infinite large transverse wavevector through multi-
films. For accurately describing the BPP modes inside multi-
films, rigorous coupled wave analysis (RCWA)*° is employed
for calculating the OTF of HMMs, which exhibits a pair of sym-
metric profiles with high amplitude transmission for large
transverse wavevectors within a fixed region,’” as shown in
Fig. 1(b) (blue line). In addition, due to the Fabry-Perot reso-
nances inside HMMs, multiple peaks appear in the OTF.*®
Intuitively, but not rigorously, HMMs behave like an aniso-
tropic medium with a very high refractive index, much larger
than those normal optical materials. Compared with that of a
single Ag film (green line), the HMM OTF shows a
window filtering effect, which greatly inhibits the light modes
outside the window benefiting from the strong coupling
behaviour of BPPs inside the films. This feature plays a key
role in BPP illumination with an ultra-short depth as would be
seen below.

As light photons impinge the excitation grating, the gener-
ated diffraction waves with matched transverse momentum

This journal is © The Royal Society of Chemistry 2016
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Fig. 1 (a) Schematic of the BPP illumination structure. (b) The optical transfer function (OTF) for the single Ag layer (green line) and Ag-SiO, multi-
films (blue line). The red line represents the dispersion relation of Ag—SiO, multifilms in EMT approximation. (c) The optical intensity distributions in
the x—z plane when incidence angles are 5°, 25°, 40° and 50°, respectively. (d) The corresponding intensity decay curves away from the illumination

surface in (c).

would be coupled to the BPP modes. The illumination depth
in the sample adjacent to HMMs, defined as the distance
where the light intensity drops to 1/e of its value at the surface,
could be described as

L A _ A @)
’ amy/ (kapes/Ko)? — ¢ 4xy/(nsing +ga/d)? —

where 1 and 6 are the wavelength and incidence angle of exci-
tation light, respectively, n is the refractive index of the sub-
strate, ¢ is the permittivity of the illuminated sample, and g is
the diffraction order. According to eqn (3), the illumination
depth mainly depends on the incidence angle, wavelength as
well as the permittivity of samples. Simply by controlling the
incidence angle of light, the illumination depth could be conti-
nually tuned.

As an example, the grating period is set as 202 nm and the
duty cycle and depth of Si grating are 0.5 and 50 nm, respec-
tively. The permittivity of Si at 532 nm is calculated by interpo-
lating the data from ref. 35, which is 16.98 + 0.37i. Fig. 1(c)
plots the optical intensity distributions in x-z sections at
different incidence angles. Obviously, the intensities outside
the HMM decay drastically along the z direction. The decaying
feature lessens with the increase of incidence angle and

This journal is © The Royal Society of Chemistry 2016

delivers the enlarged illumination depth correspondingly, as
shown in Fig. 1(d). At the incidence angles of 5°, 25°, 40° and
50°, the corresponding illumination depths are 19 nm, 28 nm,
40 nm and 58 nm, respectively. For the sake of exciting only
one BPP mode in HMM, the incidence angle is limited in the
range of 0-51° to screen the other orders of light diffraction.
The simulated depth coincides well with that calculated from
eqn (3), as demonstrated in Fig. 2.

Results and discussion
Uniformity analysis of the illumination field

Unlike surface illumination with SPPs and dielectric wave-
guides, BPPs help to realize nearly uniform illumination over a
large area where incidence light is uniform enough. The slight
distortion of light uniformity mainly arises from the inter-
ference between BPP and propagation photon modes. The
relationship between the nonuniformity factor (U = (Imax —
Iin)/(Imax + Imin)) in the illumination region and the incidence
angle is plotted in the top panel of Fig. 3, where I, and
Inin are the maximum and minimum intensities of the illumi-
nation field, respectively. It is clear from this figure that
the nonuniformity factors are smaller than 0.1 except for at
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Fig. 2 Calculated and simulated illumination depths into aqueous solu-
tions as a function of light incidence angle with a wavelength of 532 nm.
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Fig. 3 Top panel is the nonuniformity factor in the BPP illumination
surface of HMM at different incidence angles and the inset is the inten-
sity profiles along the x direction in the illumination surface at 5°, 25°,
40° and 50°, respectively. The bottom panel is the amplitude trans-
mission of 0, +1°* orders of diffraction light from grating at the different
incidence angles.
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the incidence angles around 0° and those larger than 51°,
generating uniform illumination as illustrated by the insets of
Fig. 3. This implies that incoherent light sources with large
divergence could be used for BPP illumination as well, which
is a unique advantageous ability in comparison with the
TIRFM, dielectric and SPP waveguide film structure. At angles
around 0° and larger than 51°, multiple BPP modes are excited
and their interference contributes to the great increase of non-
uniformity factor. Moreover, the nonuniformity factor varies
with the incidence angle in an oscillation way. The main
reason is related to the amplitude transmission of light
through HMM, which shows multiple resonance peaks associ-
ated with its OTF, and that of 0™ order light is much
flatter, as illustrated in the bottom panel of Fig. 3. The larger
transmission amplitude of the —1% order in BPP mode
through HMM results in a relatively smaller perturbation from
the 0™ order light and hence a smaller nonuniformity factor,
and vice versa.

Performances in a wide wavelength range

As shown above, the surface illumination performance is
mainly determined by the accessible k, range of BPP mode,
which could be clearly seen from both OTF calculations and
dispersion relation contours in Fig. 4 with 400-700 nm light
wavelength, for the same structure as that in Fig. 3. It is note-
worthy that the OTF and effective k, are normalized by ko, =
2n/t, (tp, = 100 nm) instead of k, for visualising the broadening
and shift of the filtering window. One can find that the
Ag-SiO, film system shows two types of OTF profiles. For wave-
lengths larger than 530 nm, the OTF takes the form of a filter-
ing window, in which BPP modes are supported inside films
acting as HMMs with BPP modes with nearly zero imaginary
part of k,, indicating that BPPs propagate without significant
loss. And the light modes outside the window are greatly in-
hibited with great imaginary k,. The transmission window
region could be defined as where the amplitude suppression
ratio of the pass band to stop the band is larger than 20 and
the amplitude transmission exceeds 0.015, for the good uni-
formity and large intensity of illumination. For the light wave-
lengths ranging between 400 nm and 530 nm, both BPP
modes and normal photons with small k, exist together, as
demonstrated as well in the contours of dispersion relations in
Fig. 4(b). From the viewing point of surface illumination, only
the first type with strong window-like BPP modes is preferred.
The accessible k, range of BPP mode and illumination
depth shows strong dependence on the grating period and the
k, shift value defined by the light wavelength and incidence
angle as well. To obtain uniform illumination, only one BPP
mode is desired and the full width of the BPP window and
light incidence angle 0-90° could not be always fully utilized
with a fixed grating period for a tuneable depth range as large
as possible, as illustrated in Fig. 5. For example, a dpi, of
~19 nm is obtained for 532 nm wavelength, grating period
202 nm and an incidence angle around 0°, corresponding to
~2.63 ko at the upper window boundary. The maximum depth
dmax Of illumination occurs at the lower boundary 1.49 k, with

This journal is © The Royal Society of Chemistry 2016
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Fig. 4 (a) The OTF of HMM at different incidence wavelengths. (b) The
real (real line) and imaginary part (dotted line) of k, for variant k, calcu-
lated in Bloch theorem®~*! at 450 nm and 650 nm, respectively.
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~51° incidence. In the case of light wavelength 530 nm,
dmin and dpax are nearly kept constant compared with counter-
parts at 532 nm wavelength. For a light wavelength of 700 nm,
however, the attained d,.x is only 37 nm at 2.0 k, and
~90° angle, not reaching the lower boundary due to the great
shift of the window. The d,;, in this case is 28 nm with 46°
angle. Thus, surface illumination with a depth beyond 28 nm
holds for a wide light wavelength ranging from 530 nm to
700 nm, provided that the incidence angle is smaller than 46°.
Compared with the illumination depth range of TIRFM
(red region drawn in Fig. 5) with the prism refractive index
being 1.52, BPPs show dramatic shrinkage of the illumination
depth just at a small light incidence angle, which is good for
compact experimental setups. And at some specific wave-
lengths, 530-600 nm, the accessible illumination depth region
intersects with that of TIRFM and the maximum tuneable
depth extended to infinity could be realized here.

Influences of metal/dielectric film thickness

It is possible to design the BPP illumination feature by opti-
mizing HMM parameters. For example, Fig. 6(a) plots the
OTFs for variant dielectric filling factors of 0.6, 0.7 and 0.8,
and the thickness ¢, of the Ag-SiO, pair is fixed as those in
Fig. 6(c). In this case, the OTF transmission window widens,
and the lower k, boundary is shifted to smaller absolute values
for a large filling factor of 0.8. Thus, the available maximum
illumination depth increases considerably to about 63 nm
(Fig. 6(b)). The dpi, does not change significantly, as the
grating period and light wavelength are fixed here.

In another case shown in Fig. 6(c) with variant ¢, values of
50 nm, 80 nm and 100 nm and fixed filling factor 0.8, the
OTF window upper boundary increases greatly even to 0.82

70, T
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Fig. 6 (a) OTF and (b) corresponding illumination depths at different
filling factors of dielectric (t, = 100 nm). (c) OTF and (d) illumination
depth at different thicknesses of Ag—SiO, film pair (f = 0.8). The inci-
dence wavelength is 532 nm. The period of excitation grating is 202 nm
for (b) and 173 nm for t, = 80 nm and 120 nm for t, = 50 nmin (c).
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knor (4.50 ko) for a smaller thickness due to the enhanced
strong coupling between the two adjacent Ag films. So it would
be possible to realize a much smaller illumination depth down
to 20 nm for 80 nm Ag-SiO, pair thickness, and 10 nm for
50 nm thickness, as shown in Fig. 6(d) with a reduced exci-
tation grating period. At the same time, the lower boundary
remains nearly unchanged. This point could be well explained
by the EMT analysis defined with eqn (1)-(2), which gives a
good approximation for the dispersion relation profile with a
lower BPP boundary k, ~ \/e,ko. It is not surprising that the
available maximum illumination depth drops greatly as well in
Fig. 6(d). This occurs because some extra BPP modes would be
generated for a large light incidence angle. This constraint
results in a limited maximum illumination depth for a fixed
grating period.
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Fig. 7 Illumination depth of the BPP structure in air, aqueous solutions
and PDMS, respectively. The incidence wavelength is 532 nm.
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Influence of the refractive index of samples

The BPP illumination feature also depends on the refractive
index of samples, as could be seen from eqn (3). Fig. 7 depicts
the available illumination depth for three samples with air,
aqueous solution and PDMS and the corresponding refractive
index is 1.0, 1.33 and 1.41, respectively. The BPP structure is
fixed here. First, the d,;, in the three samples is nearly fixed
to be about 18 nm for BPP excitation light with small inci-
dence angles. This point could be well understood, consider-
ing that deep subwavelength BPP modes have so large k, that
the small sample’s refractive index brings no significant influ-
ence. As the incidence angle increases and k, decreases corre-
spondingly, the BPP illumination depth grows much faster for
samples with a high index. For instance, the d,x turns to be
63 nm and 71 nm for aqueous solutions and PDMS samples,
over two times that in air. This may be good news in experi-
ments in which both small d,,,;, and a large tuneable range are
preferred.

Nanoparticles imaging under the BPP illumination

In order to demonstrate the surface imaging capability of the
BPP illumination structure, two crossed fluorescent nano-
particles with the radius of 100 nm are illuminated by the
evanescent field with different decay depths (depicted in the
inset of Fig. 8(b)). If emissive fluorescence is proportional to
the local illumination intensity, the intensity of fluorescence
in detecting the plane could be expressed as:

2r
1(x) = | Toexp(-y/Lp)S(x.5)dy (1)

0
where a and r are the excitation factor of fluorescence and the
radius of nanoparticles, respectively, I, and L, are the initial
illumination intensity and the decay depth of the evanescent
field, respectively. Furthermore, S(x,y) is the function describ-
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Fig. 8 (a) The calculated images of the crossed fluorescent nanoparticles obtained in the detecting plane (inset in (b)) under the illumination depth
of 10 nm, 20 nm and 30 nm, respectively. (b) The contrast of nanoparticles’ image as a function of illumination depth. The inset shows the schematic

of nanoparticles imaging.
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ing the area of two-dimensional nanoparticles, and the illumi-
nation direction is along the y-axis. Subsequently, the images
of nanoparticles in the detecting plane are calculated and
shown in Fig. 8(a). When the illumination depth is short, only
the parts near the surface are illuminated, thus one can get
the distinct image of each nanoparticle. As the illumination
depth increases, the more illumination field penetrates into
the crossed part of nanoparticles, and then the images of two
nanoparticles start to merge, which reduces the contrast of the
nanoparticles’ image. Herein, the contrast is defined as
C= (Imax - central)/(Imax + Icentral)x where Imax and Icentrar are the
maximum intensity and the intensity located at the central
position between nanoparticles along the detecting plane,
respectively. Fig. 8(b) shows the relationship between contrast
and illumination depth. It is obvious that the contrast
decreases near-linearly with the illumination depth. It is worth
noting that the contrast approaches unity when the illumina-
tion depth is near 5 nm and even smaller. This means that the
short illumination depth guarantees the distinct and high
contrast image for the surface part of the sample.

Experiment

The fabrication process of the BPP illumination structure is as
follows: a 200 nm period Si grating was firstly fabricated on a
silicon substrate by large area laser interference lithography and
then transferred to another fused silica substrate with the
planar surface by a template stripping method.*> After that,
8 pairs of Ag (20 nm)-SiO, (80 nm) and additional one Ag layer
(20 nm) are deposited alternatively on the planar Si grating
surface by magnetron sputtering. The detailed fabrication steps
could be seen from ref. 31 published by our group. Fig. 9(a)
depicts the cross-section image of the fabricated illumination
structure, and the main geometrical parameters approach to
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their design values. The atomic force microscopy (AFM)
measured morphology image of a small part of the outmost Ag
film is shown in the ESI, Fig. S1,7 and the corresponding root-
mean-square (RMS) surface roughness is about 2.3 nm. Based
on the theoretical analysis from above, the 0™ diffraction light
from grating should be inhibited for realizing the pure BPP illu-
mination, which could be seen from Fig. 3. For the sake of
confirming this, the efficiency of 0" diffraction light through the
illumination structure has been measured at different incidence
angles on the silica substrate, as shown in Fig. 9(b). Obviously,
the acquired efficiency is smaller than 6 x 10~* throughout in
the range of 0-45°. Although the measured efficiencies at small
incidence angles could not reach the predicted ones (~5 x 107°)
owing to rough films’ scattering, the real efficiency is sufficient
to inhibit the 0™ diffraction light from the BPP wave.

In order to characterize the illumination depth of the BPP
illumination structure, a micro-zone fluorescence system'®
consisting of fluorescent nanoparticles deposited on the
illumination area was applied. The fluorescent nanoparticles
with a radius of 20 nm have the excitation and emission wave-
lengths of 540 nm and 560 nm, respectively (F-8792
Invitrogen™). The nanoparticles were firstly diluted in de-
ionized (DI) water and then 5 pL of nanoparticle solution was
dropped on the illumination surface of a multilayer structure
and it was allowed to dry naturally. For the sake of clearing
away the suspended nanoparticles and leaving only stable
ones, the original multilayer structure with nanoparticles was
further rinsed with DI water. Finally, this structure was dried
again. The scanning electron microscopy (SEM) images of the
obtained fluorescent nanoparticles above the outermost
Ag film of the multilayer structure are shown in ESI, Fig. S2.}
It is clear that many isolated nanoparticles appear on the
Ag film, which is expected in following experiments.

When setting up the micro-zone fluorescence system, the
multilayer structure with fluorescent nanoparticles was placed

0 (degree)

Fig. 9 (a) The SEM cross-section image of the BPP illumination structure. (b) The efficiency of the 0'" diffraction light from grating through the illu-
mination structure as a function of the incidence angle in the silica substrate.
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Fig. 10 The experimental and calculated cross-section intensity of a single fluorescent nanoparticle (radius 20 nm), at the different incidence
angles of (a) 10°, (b) 20°, (c) 30° and (d) 40°, respectively. The insets are the images of fluorescent nanoparticles.

on the stage of an upright microscope assembled with a Motic
objective (40%, NA 0.65) and an intensity-sensitive CCD detec-
tor (PIXIS 1024 Princeton Instruments Corp., 13 x 13 pm pixel
size). The excitation laser with a power of 5.9 mW (532 nm
CW, SDL-532-100T, Shanghai Dream Lasers Technology Corp.)
was installed under the multilayer structure, and the light
strikes on the subwavelength grating of the BPP illumination
structure at different incidence angles. Meanwhile, a notch
filter (NF533-17, center wavelength 533 nm, band width
17 nm, ThorLabs Corp.) was fixed on the objective to eliminate
the possible excitation laser from the emission fluorescence.
Through focusing on one single nanoparticle, the corres-
ponding images could be captured by using a CCD detector,
which are shown in the insets of Fig. 10.

The dots in Fig. 10 show the cross-sectional intensity of a
single nanoparticle extracted from the captured images at
different incidence angles of 10°, 20°, 30° and 40°, respec-
tively. The predicted illumination depths are 20 nm, 22 nm,
26 nm and 31 nm, respectively. Due to the different evanescent
intensities on the illumination surface of the multilayer struc-
ture when tuning the incidence angle (shown in the inset in
Fig. 3), the cross sectional intensities were firstly normalized
by their corresponding initial evanescent intensity in the illu-
mination surface. After that, the obtained intensities were
further normalized to the maximum intensity with the illumi-
nation depth of 31 nm (Fig. 10(d)) for comparing them with
the calculated results. Under the conditions of the same eva-
nescent intensity on the illumination surface of the structure,
and the linear dependence of the fluorescence on the local
optical power, the longer illumination depth could result in a
higher fluorescence intensity.

For obtaining the calculated intensity profiles of a single
fluorescent nanoparticle, the following calculation method'®
could be used. The optical intensity above the illumination
structure could be expressed as I(z) = I, exp(—z/Lp). While, the
image of fluorescent nanoparticles follows the expected form:
Image(x,y) = af[I(z)G(x,2)]*P(x,y)dz, where a denotes the
excitation factor of fluorescence, G(x,),z) describes the volume
of nanoparticles, P(x,y) is the point spread function (PSF) of
the optical imaging system, and * represents the convolution
operator. The PSF of the microscopy objective could be
expressed as the Airy disk, which has the form of I,(2/,(r)/7)?,

Nanoscale

where J; is the first-order Bessel function of the first kind, and
r is the scaled distance from the center of the Airy disk for
letting the first order diffraction ring lie at the distance 0.614/
NA, where 1 and NA are the fluorescence wavelength and the
numerical aperture of the microscopy objective, respectively.
Finally, similar to the experimental cases, the calculated inten-
sity profiles were normalized to the maximum value with an
illumination depth of 31 nm, which are plotted in solid lines
in Fig. 10. It is clear that the normalized fluorescence intensity
profiles obtained from calculations are overall in agreement
with the measured ones for each incidence angle. This means
the real illumination depth is just around the predicted one.

The difference between the measured and calculated inten-
sity profiles is acceptable, which is mainly attributed to the
negative impact of the films’ roughness. Moreover, as
expected, the peak intensity of the fluorescent nanoparticle
improves with the increasing illumination depth. For the large
evanescent field decay depth (>100 nm), the valid measure-
ment of decay depth could be done by attaching a fluorescent
nanoparticle to an AFM tip.""

Conclusions

In conclusion, we designed the BPP illumination structure
with the HMM composed of metal-dielectric films for uniform
and large area surface imaging with even 10 nm depth pene-
tration. Simply by adjusting the incidence angle of light
impinging on the BPP excitation grating, the illumination
depth could be continually tuned. For the Ag-SiO, films’
HMM structure, the illumination depths in the range of
19-63 nm in aqueous samples are achieved at a light wave-
length of 532 nm. Also, the surface illumination feature holds
well for a wide light wavelength range. Fluorescent nano-
particles were illuminated by the HMM structure at different
incidence angles, and the corresponding fluorescence profiles
were compared with the calculated ones for estimating the
illumination depths. In addition, only a one dimensional
excitation grating structure is employed in this paper, and the
extension to two dimensional grating cases is available and
would help to engineer the direction of excited BPPs for
observing anisotropic samples. This work is believed to
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provide a simple and valuable way to image events occurring
in ultra thin layers down to a few nanometers with greatly
improved contrast.
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