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Nanopatterning With Interferometric Lithography
Using a Compact A = 46.9-nm Laser
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Abstract—We report the imprinting of nanometer-scale grat-
ings by interferometric lithography at A\ = 46.9 nm using an
Ne-like Ar capillary discharge laser. Gratings with periods as
small as 55 nm were imprinted on poly-methyl methacrylate
using a Lloyd’s mirror interferometer. This first demonstration
of nanopatterning using an extreme ultraviolet (EUV) laser il-
lustrates the potential of compact EUV lasers in nanotechnology
applications.

Index Terms—Nanotechnology, photolithography, X-ray lasers,
X-ray lithography.

HE increasing activity in nanotechnology and nanoscience

fuels the need to realize fabrics of periodic structures in the
nanometer range. Along this path, table-top extreme ultraviolet
(EUV) sources offer exciting new opportunities to demonstrate
novel fabrication tools capable of reaching nanometer resolution
in small laboratory environments. High repetition rate table-top
EUV lasers provide a useful way to record nanoscale features,
particularly when the pattern can be created by interference ef-
fects that take advantage of the coherence of this type of com-
pact EUV sources. Such maskless scheme, known as interfero-
metric lithography (IL), is capable of producing regular patterns
of lines or dots with features approaching A/2 over large areas
[11-[6].

IL has been previously demonstrated with ultraviolet (UV)
and vacuum-ultraviolet (VUV) laser light illumination at
157 nm [7], 193 nm [6], and 257 nm [8], and with 13-nm
synchrotron radiation [2], [3]. With VUV lasers, sub-100-nm
gratings and grids have been printed using different optical
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schemes [7], [9]. With the shorter wavelength from the syn-
chrotron source, 38-nm period gratings were imprinted in
poly-methyl methacrylate (PMMA) [2]. Clearly, decreasing the
wavelength provides a direct path to decreasing feature size.
Obtaining a good quality interference pattern also requires the
illumination source to have a high degree of coherence and
high average power to allow for short exposure times. The high
spatial and temporal coherence are also essential for large-area
coverage, as will be discussed later in more detail. The cap-
illary discharge lasers are the first compact EUV sources to
achieve both relatively high average power and high spatial and
temporal coherence [10], [11].

Herein, we report on the imprinting of nanometer-scale grat-
ings using IL at A\ = 46.9 nm, implemented with a compact
Ne-like Ar capillary discharge laser. The experiment takes ad-
vantage of the unique characteristics of this laser [10], [11] to
print lines as small as 28-nm wide (55-nm period) in commer-
cial-grade PMMA films using a single-mirror interferometer.

The capillary discharge laser used as the source of EUV ra-
diation was configured to produce pulses with an energy of
~0.15 mJ and a duration of ~1.2-ns full width at half max-
imum (FWHM). In this experiment, the laser used 27-cm-long
plasma channels and was operated at a 1-Hz repetition rate. An
increased average power, of up to a few milliwatts, could be ob-
tained operating this source at a repetition rate of 4—10 Hz with
longer capillaries, however, at the expense of reduced lifetime
of the capillary tube [10]. At the capillary exit, the FWHM of
the beam diameter varies from 150 to 300 pum depending on the
discharge conditions. In the far field, the beam has a character-
istic annular shape, which is a consequence of refraction caused
by the plasma density gradients in the capillary. Its cross section
has two peaks and a minimum between them of ~30% the peak
intensity. The beam FWHM divergence is ~4.6 mrad and the
emitted laser light is unpolarized.

The Lloyd’s mirror interferometer [12] scheme used in this
experiment has been previously employed to print nanometer
scale gratings with A = 13 nm radiation from a synchrotron
source [2], [3]. In this wavefront division, the interferometer part
of the beam impinges on the mirror at grazing incidence angle
(6) and is reflected to interfere with the remaining undeflected
portion of the beam, as shown in Fig. 1(a). Beam interference
gives rise to a sinusoidal intensity pattern of period d, defined
by the wavelength of the light A and the grazing incidence angle
# according to
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Fig. 1.

Increasing the incidence angle of the incoming beam on the
mirror effectively results in an increased angular separation
between the two interference beams and the corresponding
decrease in the interference fringe spacing. The sinusoidal
intensity pattern produced by the interference has maxima and
minima that are functions of the intensity of the two beams [;
and I», and the coherence properties of the source. Disregarding
polarization effects that will be discussed later, the maximum
and minimum intensities can be expressed as [12]

I(z) < I1(z) + Ix(z) £ 2/ 11 (2)/ I2(x) |p12(x)]

where the mutual coherence factor 1112 ranging from 1 for to-
tally coherent beams to O for incoherent beams is a measure of
the coherence of the laser beam, z is a spatial coordinate, and
the sign +/— applies for the maxima/minima in the interference
pattern. The last term in (2) accounts for the intensity modula-
tion and the corresponding fringe visibility in the interference
pattern.

Strictly from wavelength considerations and according to (1),
gratings with periods approaching ~24 nm could, in principle,
be printed using IL with the 46.9-nm laser. Equation (2) high-
lights the need for a source with a high degree of coherence,
as this factor directly influences the intensity modulation term.
Both the temporal and spatial coherence of the source impose
limits on the printing area. For the source utilized in this ex-
periment, the coherence radius is ~0.6 mm at 1.8 m from the
capillary exit [13],! [14]. The spatial coherence then limits the
extent along the direction x, where lines can be printed to this
value (=0.6 mm). This distance can be increased with a higher
degree of spatial coherence achievable by increasing the length
of the capillary plasma [11]. Considering that the bandwidth of
our source is A/A\ ~ 10%, the longitudinal coherence length is
~0.470 mm. This parameter by itself also limits the maximum
distance along x where fringes can be imprinted from 0.4 mm

2

1Asin [13], we use the coherence radius R, to define the transverse coherence
of the source. R, is defined following the convention of coherence area A. =
TR2.

(a) Schematics of the Lloyd’s mirror interferometer. (b) Diagram of the nanopatterning tool implemented with the 46.9-nm laser.

to more than 6 mm for angles of incidence from 31° to 2°, as
used in this experiment.

The EUV nanopatterning tool, schematically shown in
Fig. 1(b), consists of the EUV laser and a 50-cm-diameter
vacuum chamber where the interferometer is set up. The whole
instrument is very compact and fits in an optical table within
an area of 0.7 x 2.6 m2. The EUV laser is connected to the
interferometer chamber via a vacuum manifold that provides
differential pumping of the chamber that is maintained at
~ 107 torr. The Lloyd’s interferometer was constructed
placing a gold-coated mirror at 1.8 m from the capillary exit
at selected grazing incidence angles . The mirror tilt was
controlled with a vacuum compatible motorized unit. For
2° < 6 < 31°, the interferometric fringe spacing varies from
~1300 nm to ~45 nm.

The sample consisted of an Si wafer spin coated with
~500-nm layer of PMMA (MicroChem 950000 molecular
weight). Square 2 x 2 cm? pieces of the wafer were placed
orthogonal to the Lloyd’s mirror surface at its farthest end, as
shown in Fig. 1(a). The samples were illuminated with doses
consisting of typically 100 laser shots. The exposed area was
defined by the laser beam FWHM diameter at the sample,
~14 mm, and the perpendicular distance along the z-direction
0.6 mm, limited mainly by the spatial coherence. For large in-
cidence angles (§ = 31°), temporal coherence further reduces
this distance to 0.47 mm. After exposure, the patterned PMMA
was developed in a 1:3 methyl isobutyl ketone:isopropanol
(MIBK:IPA) solution for ~30 s and rinsed with abundant
isopropyl alcohol and water. The resulting patterns were read
using an atomic force microscope (AFM) in a tapping mode
with a cantilever tip radius of 10 nm.

Fig. 2 shows the AFM images of the patterns recorded on
PMMA for angles of 15°, 19°, 22°, and 25° corresponding
to imprinted gratings of periods d ~ 92,72 63, and 55 nm,
respectively. As can be seen, the 92-nm pattern consists of
lines of well-defined edges with an average modulation depth
of 12.5 nm. This relatively small modulation depth is primarily
defined by the rather short absorption length of the 46.9-nm
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Fig. 2. (lefty AFM micrographs of the grating patterns written with
the 46.9-nm laser on PMMA. The angle of incidence and the grating
period corresponding to each case are indicated. (right) Averaged profiles
corresponding to each of the images shown above. The average modulation
depths are indicated in the top right corners.

light in PMMA, which is approximately 20 nm.2 Utilizing re-
cently developed high repetition rate table-top lasers at shorter
wavelengths (18.9—13.2 nm) [15]-[17], the modulation depth
can be significantly increased; as for these wavelengths, the
expected penetration depth is ~200 nm [18]. For smaller line
periods (<60 nm), the modulation depth decreases and the line
edge roughness is observed to increase significantly.

2[Online]. Available http://www-cxro.lbl.gov/
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Fig. 3. Calculated (solid line) and measured modulation depth (triangles)
of the gratings on PMMA surface shown as a function of the grating period.
The insert is a blow-up of the data for periods smaller than 150 nm.

On the assumption that the modulation depth is proportional
to the difference between the maximum and minimum inten-
sities in the interference pattern, as the light is completely ab-
sorbed in the PMMA, the reduction in the modulation depth with
the decrease of the line period can be accounted for by two dom-
inant effects. One is the decrease in the mirror reflectivity for in-
creased grazing incidence angles. The other factor arises from
the dependence of the fringe visibility corresponding to the TM
component of the unpolarized reflected beam on the angle of
incidence [19]. For this polarization component, the fringe vis-
ibility approaches zero as the angle between the two beams ap-
proaches 90°. For the other polarization (TE), both electric field
vectors are always parallel to each other independent of the in-
cidence angle [19]. To compute the total unpolarized intensity
incident on the sample, we expressed the reflected portion of the
beam as [> = R(#)I; and calculated the intensity I of the inter-
fering beams as a superposition of the TM and TE polarizations
in equal parts as follows:

1
=3 (11 + RTEL + 2]1\/RTE)
1
+5 [11 + R™], + 2, VR™ 008(20)} . )

In (3), RTE and R™ are the gold mirror reflectivities for each
polarization,3 and 26 is the angle between the two beams at the
sample. The 4+ /— sign has the same meaning as in (2).

Fig. 3 compares the measured modulation depth of the im-
printed gratings with the computed difference between intensity
maxima and minima as a function of the grating period calcu-
lated using (3). In this graph, the calculated modulation depth
was normalized to the maximum experimental value equal to
18 nm at the angle # = 2°. This figure shows that the mea-
sured modulation depth follows the general trend of the calcu-
lated values, thus confirming the dominant role of the interfer-

3[Online]. Available: http://cletus.phys.columbia.edu/~windt/idl/imd/



ence fringe visibility in defining the modulation depth. A more
detailed comparison (insert in Fig. 3) shows, however, a devi-
ation between the calculation and experiment at very small pe-
riods (<55 nm). Several factors not considered in our compu-
tations can also play a role in degrading the modulation depth
of the PMMA gratings. Among them are the contributions of
mechanical vibrations during exposure, scattering due to the
mirror’s roughness that further reduces the intensity of the re-
flected beam, the size of the AFM probe tip that is comparable
to the smallest periods, and possibly the limits of the resolution
of the photoresist.

In summary, we have realized the first demonstration of
nanometer-scale patterning using a table-top EUV laser. Dense
line patterns with a period as small as 55 nm were imprinted
in PMMA using a 46.9-nm laser and Lloyd’s mirror interfer-
ometer. Improved aspect ratio in the periodic nanopatterning
could be expected with the utilization of recently demonstrated
high repetition rate shorter wavelength lasers due to the larger
penetration depth in the photoresist. These results show that
EUV lasers have the potential of becoming a useful tool for
printing nanometer features for selected applications.
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