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Abstract: Random phase masks are important technical elements for realizing holographic memory
systems that enable high density recording. However, the broadly distributed Fourier spectrum
often presents a problem because wide recording spots result in reduced total storage capacity for
a recording medium. In the present study, we propose modified random phase masks with phase
modulation elements exhibiting Gaussian profiles to suppress the spread of the recording spot and
keep it in a narrow area, based on the reduction of the high-frequency components in a random phase
pattern. We confirm the effectiveness of the proposed random phase mask using simulations of a
computer-generated binary hologram. However, issues still remain in terms of the fabrication of
random phase masks with Gaussian profiles. Therefore, we evaluate the feasibility of fabricating the
proposed random phase mask using molecular diffusion under photopolymerization. The results
confirm the feasibility of this approach over a relatively wide area for actual fabrication.

Keywords: holographic memory; random phase mask; photopolymer; molecular diffusion

1. Introduction

Currently, the global information society exhibits an expansion of data-centric management based
on big data analysis. This trend is inevitably linked to a requirement of increased storage capacity for
memory devices. Hologram memory is a promising candidate for this purpose because of the use
of parallel data processing for recording and the reconstruction of page data at high densities [1-3].
Therefore, numerous related technologies have been studied for optical systems, including recording
media [4-13].

Among these technologies, an optical configuration for collinear holography has been
proposed [14-19]. In this system, the signal beam with page data is co-axially surrounded by a
ring-shaped reference beam. Both beams are simultaneously focused on a recording medium by a
lens. As a result, a Fourier hologram can be recorded using a fully integrated optical interferometry
system, which enables tracking the surface of a rotational recording medium such as a rewritable
optical disk system. With the development of such robust optical systems, studies on various
configurations have been reported such as phase modulation masks and apertures for practical
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holographic memory systems [7,20-25]. We have investigated the optimal configuration of phase
modulation and apertures for Fourier hologram recording and reconstruction [26,27]. Among these
studies, we have proposed some optimized apertures to restrict the Fourier spectrum and reduce the
recording spot area. However, issues remain on the use of apertures to restrict the Fourier image
distribution. If placed close to the recording medium, the aperture will be in contact with the surface of
the medium under high-speed rotation. If the aperture is placed far from the surface of the recording
medium, one must then consider the influence of diffraction at the aperture edge. It would be preferable
to achieve a narrow Fourier spot without introducing an aperture. On the basis of this consideration,
we previously proposed advanced random phase masks [28,29]. However, the reconstruction quality
has not yet reached the level required for practical holographic memory systems. The goal of our
subsequent studies is to develop a random phase mask that generates a relatively narrow Fourier
image with a moderate quality of page data reconstruction.

In this study, we propose a modified random phase mask with phase modulation elements
exhibiting Gaussian profiles to restrict the distribution to a narrow area based on the reduction
of high-frequency components in the random phase modulation pattern. We have preliminarily
confirmed the effectiveness of these modified random phase masks; benefits were observed for both the
confinement of the Fourier image distribution and the reconstruction quality. However, it is difficult to
fabricate artificial random phase masks with Gaussian profiles using conventional micro-fabrication
processes such as photolithographic method based on the etching process [30]. Thus, our primary
purpose is to evaluate the feasibility of producing random phase masks with gradual modulations, such
as Gaussian profiles. For this purpose, we employed molecular diffusion under photopolymerization
to obtaining the proposed random phase masks. Molecular migration under photopolymerization
has been studied well [31-36]. In the initial stages, molecular migration is induced toward a bright
region, which results in the formation of a smooth convex structure [34,35]. Using this formation,
the feasibility of fabricating random phase masks with phase modulation elements exhibiting Gaussian
profiles has been confirmed over a relatively wide area.

2. Preliminary Investigation on the Effectiveness of the Proposed Random Phase Mask

To estimate the effectiveness of the proposed random phase mask, the reconstruction quality of
a computer-generated binary hologram (CGBH) was simulated using a principle-based algorithm
for a Lohmann-type binary hologram [37-39]. Random phase modulation can be introduced in the
simulation, and the reconstruction quality can be systematically evaluated. Therefore, this is a suitable
approach for examining the effectiveness of modified random phase patterns [29].

We considered three types of random modulation patterns, as shown in Figure 1. Here, amplitude
modulations were used to understand their fundamental spatial frequencies in the three types of
random modulation patterns. The first is a typical binary modulation pattern that includes numerous
high spatial frequencies (Figure 1i). The Fourier image is broadly distributed as a two-dimensional
sinc function. The Fourier image distribution can be confined within a relatively narrow area using a
Gaussian-like modulation (Figure 1ii). However, if some modulation elements are placed adjacently,
cross-sectional distribution differs from that of conventional binary modulation. In addition, the isolated
modulation generates a certain periodicity, which can be confirmed as spike-like distributions in
the Fourier image. To suppress the generation of spikes, continuous Gaussian-like modulation was
introduced (Figure 1iii). The cross-sectional distribution exhibits a Gaussian profile only at the edges.
Thus, inhibition of the spike-like distribution in the Fourier image was confirmed.
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Figure 1. Three types of two-dimensional random modulation patterns.

The fundamental features of these three types of two-dimensional random modulation patterns
were introduced for the random phase modulation in hologram recordings of a binary image. A binary
image of “ABC” was used to evaluate the effectiveness of each random phase pattern, as shown in
Figure 2. The binary image of “ABC” (120 X 60 pixels) was placed on a part of the signal image
(256 x 256 pixels). The simulation was performed using Lohmann-type CGBH algorithm [29]. The cell
size (window size) of the Lohmann hologram was set at 9 X 9 pixels. Therefore, the resultant
hologram size was 2304 x 2304 pixels. Finally, the CGBH was reconstructed by an inverse-Fourier
transformation, and the corresponding area was extracted to evaluate the reconstruction quality.
When no random phase modulation was added to the original binary image, the CGBH generated
from the Fourier-transformation result of the original image was narrowly distributed, corresponding
to a small recording spot, but the reconstruction quality is extremely poor, as expected (Figure 2A).
The reconstruction quality is substantially improved by adding a high-resolution random phase
modulation, as shown in Figure 2B. However, the CGBH generated from the Fourier image is
broadly distributed, which results in a larger recording spot and a reduced storage capacity for
the recording medium. As a simple solution, the distribution can be narrowed using a relatively
low-resolution random phase; however, the reconstruction quality is degraded again, as shown in
Figure 2C. (Here, the phase modulation element consisted of 10 x 10 pixels). These results demonstrate
the fundamental characteristics of Fourier hologram recording and reconstruction. We proposed
a Gaussian-like phase modulation element in random phase modulation, as shown in Figure 2D.
A relatively small CGBH distribution was obtained, but the reconstruction quality was still poor, similar
to that for low-resolution random phase modulation. We modified the Gaussian-like modulation to
continuous Gaussian-like modulation, and the reconstruction quality was significantly improved while
maintaining a relatively small CGBH distribution. In this case, the signal-to-noise ratio (SNR) and
root-mean-square error (RMSE) were improved, second only to that of the high-resolution random
phase modulation. This trend was also observed in the average values obtained from ten samples of
each of the four types of random phase patterns in Figure 2, as shown in Figure 3. (Here, the hologram
area was determined as the summation of white pixel numbers in each CGBH). More specifically,
a reduced RMSE, increased SNR, and confined hologram area (recording spot) were obtained using
the continuous Gaussian-like random phase modulation pattern for the Fourier hologram, despite its
relatively low-resolution random phase pattern.
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Figure 2. Various random phase patterns, computer-generated binary hologram (CGBH) distributions,
and reconstruction results.
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Figure 3. Comparison of the (a) root-mean-square error (RMSE), (b) signal-to-noise ratio (SNR), and (c)
hologram area of the CGBHs. The data labels of (A)—~(E) correspond to the labels in Figure 2.

The need to determine the feasibility of fabricating these random phase masks originated from
these preliminary investigations.

3. Materials and Methods

To induce a smooth surface volume change, we employed molecular migration based on diffusion
under photopolymerization. We prepared a photopolymer film on a glass substrate by spin-coating
a commercial photopolymer material (NOA 81, Norland Products, Inc. (Cranbury, NJ, USA)).
The pre-polymer liquid is polymerized by photoirradiation, based on a thiol-ene reaction [40].
Film thickness can be controlled using the rotation speed. For rotation speeds of 6000, 4000, and 2000 rpm,
film thicknesses of 4, 6, and 9 um were obtained, respectively. Molecular migration can be induced
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by polymerization upon the irradiation of spatially modulated ultraviolet (UV) light, as shown in
Figure 4 [34,35,41]. In photopolymerizable materials, molecular migration occurs in two phases.
The first phase corresponds to the initial stage of polymerization, resulting in a convex surface structure.
In this stage, the monomers are assembled (or diffused) toward the bright region because the monomer
density is reduced by the polymerization in that region. In the second stage, advanced polymerization
eliminates unreactive molecules from the bright region, which results in the formation of concave
surface structures. As a result, surface volume changes occur, as illustrated in Figure 4.

UV-light
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Figure 4. Surface volume changes in the photopolymer material film.

To compare the formation characteristics with those of the other photoreactive materials without
molecular migration, we prepared a functional polyvinyl alcohol (PVA, Biosurfine AWP-MRH, Toyo
Gosei Co., Ltd. (Tokyo, Japan)). This PVA includes a photoreactive azide group in the side chain.
When exposed to UV light, the azide groups are activated and crosslinked to peripheral sites, such as
C-H bonding or double bonding structures [42—-44]. This photo-crosslinking induce water insolubility
corresponding to the UV irradiation pattern, which enables typical photo-patterning with water-rinsing.
Similar to the preparation of the NOA 81 film, the PVA was spin-coated on a glass substrate, with a
film thickness of approximately 1.4 um.

The prepared films of NOA 81 were irradiated by UV light with random phase patterns using an
optical system, as shown in Figure 5a. UV light with a wavelength of 365 nm, emitted from an LED,
was spatially modulated by a digital mirror device (DMD, DLP6500, Texas Instruments, Inc. (Dallas,
TX, USA)), and the modulation pattern of the UV light was irradiated on the films via an imaging lens
system. The power density of the UV irradiation was set at 11.1 mW/cm?. The conditions of irradiation
time are described in Section 4.2 including the discussion of the influence. After irradiation, the film
was exposed to homogenous UV irradiation to complete the photoreaction of the entire photopolymer
film. The power density and irradiation time were 60 mW/cm? and 120 sec, respectively. For this
process, surface volume changes were observed using a laser microscope (VK-X210, Keyence Co.
(Osaka, Japan)).

()

Collimator

Figure 5. (a) Optical setup for pattern irradiation and irradiation patterns for (b) Gaussian-like and (c)
continuous Gaussian-like random phase masks.

To fabricate the Gaussian-like and continuous Gaussian-like random phase masks using
molecular migration under photopolymerization, irradiation patterns were prepared, as shown
in Figure 5b,c, respectively. The irradiation patterns correspond to binary modulations of optical
intensity. Surface volume changes are induced gradually and smoothly, as shown in Figure 4, under
the binary modulation of UV irradiation; thus, it was expected that phase modulation elements with
Gaussian profiles would form on the photopolymer films. In the present study, we evaluate the
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feasibility of this concept in terms of the formation of phase modulation masks with smooth profiles
based on surface volume changes associated with molecular diffusion under photopolymerization.

4. Results and Discussion

4.1. Conventional Fabrication of a Random Phase Mask

A random phase mask was photo-patterned using a modified PVA film spin-coated on a glass
substrate. As described in Section 3, no surface volume changes are induced in this material.
A photo-crosslinking of azide moieties is generated by UV irradiation, which makes the polymer
insoluble in water. We performed photo-patterning using the binary modulation pattern shown
in Figure 6a by applying a power density of 25 mW/cm? to the PVA film for 5 s, followed by a
water rinsing step. As a result, structural modulations corresponding to the irradiation pattern were
observed, as shown in Figure 6b,c. Figure 6d shows the cross-sectional distribution of the patterned
PVA film. Typical formation of the photo-patterned film was confirmed, similar to that obtained by
photolithography using photo-resist materials. In this case, the bottom substrate was exposed in the
valley region, since the bottom layers are relatively flat. At the top surface (hill region), the height is
aligned at a constant level, indicating that no surface volume change was induced under photoreaction
in the PVA film.

Cross-section A-B

oo bl

0 500 1000 1500 2000 2500 3000
Distance (um)

Figure 6. (a) Binary irradiation pattern, (b) top view and (c) three-dimensional image of the patterned
PVA film, and (d) cross-sectional distribution of the volume changes.

On the basis of this experiment, we also examined the optical system shown in Figure 5a. The edges
of the patterned PVA were relatively sharp. Thus, this optical patterning system can be used to fabricate
the proposed random phase masks.

4.2. Gaussian-Like Random Phase Modulation Mask

As a second experiment, we fabricated a random phase mask with phase modulation elements
exhibiting Gaussian-like profiles using the irradiation pattern shown in Figure 5b for a photopolymer
film with surface volume changes induced by photopolymerization. Each phase modulation element
was patterned using circular irradiation areas. Therefore, an isolated convex structure would form in
the bright region with the smooth shape of the Gaussian-like convex structure during the initial stage
of molecular migration, as illustrated in Figure 4. It was expected that UV irradiation time would be
an important factor in the fabrication of a phase modulation element with an ideal Gaussian profile,
because the surface shape of the photopolymer film changes depending on the UV irradiation time.
(Then, the UV irradiation must be stopped when the surface shape is close to Gaussian profiles.) In
addition, it has been reported that the initial film thickness is another important factor influencing the
characteristics of surface volume changes [34]. Therefore, we varied both the irradiation time for the
photo-patterning step and the initial film thickness for the fabrication of a random phase mask with
Gaussian-like phase modulation elements.

The resultant surface structures were observed by laser microscopy, as shown in Figure 7. We can
see that the relatively thin film is superior for the formation of isolated Gaussian-like convex structures.
Moreover, we can also see that a longer irradiation time is preferred for the formation of a Gaussian
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profile. (Here, the fringe-like modulation superimposed on the cross-sectional distribution in Figure 7 is
due to the interference effect in laser microscopy). Next, we focused on the results shown in Figure 7d,g.
Both samples were formed using photopolymer films with a thickness of 4 pm. The samples are close
to the ideal convex structure, as outlined by Gaussian curves (indicated by the red lines in Figure 7d,g)
in their cross-sectional distributions.

Furthermore, the desired isolation between adjacent convex structures was also obtained,
asindicated by the red arrows in the cross-sectional distributions in Figure 7d. Therefore, we determined
that a 4-um-film-thickness and a 2-s-irradiation time are suitable for fabricating a random phase mask
with phase modulation elements exhibiting Gaussian-like profiles in these experiments. Further precise
investigations of the fabrication parameters, including the height of the convex structure needed to
obtain the desired phase shift for the objective wavelength, are needed as a future work.

The viscosity of the photopolymer material used in this study is 300 cps at 25 °C. If another
material with a lower viscosity can be introduced or if the viscosity of this photopolymer material can
be reduced, the formation characteristics can be controlled, and more preferable conditions can be
employed to produce the desired Gaussian modulation.
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Figure 7. Two-dimensional surface volume changes and the cross-sectional distributions for
Gaussian-like random phase masks under photopolymerization depending on both the photopolymer
layer thickness and UV irradiation time.

4.3. Continuous Gaussian-Like Random Phase Modulation Mask

We also fabricated another random phase mask with phase modulation elements exhibiting
continuous Gaussian-like profiles using the irradiation pattern shown in Figure 5c for the photopolymer
film, similar to the case for the Gaussian-like random phase element. Each phase modulation element
was continuously formed in contrast to the process for the isolated Gaussian-like random phase mask.
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This approach is also different from the typical case of a conventional random phase mask, such as the
irradiation pattern shown in Figure 6a. Each corner of the irradiation pattern is rounded because a
smooth Gaussian profile is needed for each cross-section of the resultant random phase mask. For the
experimental conditions, we varied both the photo-patterning irradiation time and the initial film
thickness for the fabrication of a continuous Gaussian-like random phase mask, similar to the case of
the Gaussian-like random phase mask.

The resultant surface structures are shown in Figure 8. Clearly, the film with an intermediate
thickness of approximately 6 pm is preferred for the formation of a homogenous Gaussian-like convex
structure. In addition, a longer irradiation time is preferred for the formation of a smooth Gaussian
profile, similar to the case of the Gaussian-like random phase mask. Here, we focused on the results
shown in Figure 8d—f. We can see that the top portions of the phase modulation elements (i.e., the top
portions of the hills indicated by red arrows) exhibit different structures, depending on the initial
thickness of the photopolymer layer. Concave, flat, and convex shapes were obtained for the top
portions of the patterned films with initial thicknesses of 4, 6, and 9 pum, respectively. The edge shape of
the cross-sectional distribution in Figure 8e is relatively close to the Gaussian distributions, as indicated
by a red line for each distribution. Therefore, for the formation of an ideal continuous Gaussian-like
random phase mask, a film thickness of 6 pm and an irradiation time of 2 s are ideal.
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Figure 8. Two-dimensional surface volume changes and the cross-sectional distributions for continuous
Gaussian-like random phase masks under photopolymerization depending on both the photopolymer
layer thickness and UV irradiation time.

4.4. Large-Area Formation

To realize these advanced random phase masks for practical hologram memory systems,
the feasibility of homogenous large-area formation must be also considered. We measured the surface
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volume changes over a wide area (~10 x 10 mm?) for Gaussian-like and continuous Gaussian-like
random phase masks formed under the optimized conditions described in Sections 4.2 and 4.3,
respectively, as shown in Figure 9. These measurements were performed using the sequential stage
control system of the laser microscope. Clearly, the formation of the phase modulation masks is
homogenous. Moreover, ideal formations were observed for the random phase masks with phase
modulation elements exhibiting continuous Gaussian-like profiles.
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Figure 9. Wide-area measurement of surface modulations for (a,b) Gaussian-like and (c,d) continuous
Gaussian-like random phase masks.

5. Conclusions

We have demonstrated the advantages of a random phase modulation pattern with phase
modulation elements exhibiting continuous Gaussian-like profiles based on a preliminary investigation
of CGBH simulations. The feasibility of fabricating these masks for practical use was evaluated.
Photo-patterned surface volume changes induced by molecular migration under photopolymerization
were employed for the fabrication. The results show that Gaussian-like convex structures and
corresponding arrays can be formed with relatively high quality. The essential factors and conditions
for forming ideal structures were also determined. In a future work, full-fledged investigations are
needed to realize these random phase masks, including an exploration of their hologram recording
characteristics. We expect that the proposed random phase mask will be a useful optical element for
hologram memory systems.
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