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Abstract: The formation of volume holograms in photosensitive polymers is a complex process under
the influence of many interacting factors: material composition and processing, exposure conditions,
and pre-exposure affect the development and final characteristics of holographic gratings. In order to
better understand the interplay of these influencing factors, the detailed investigations of holographic
recording in a new organic material are performed and the results are presented here. The material
response and performance of an epoxy-based free surface material designed for volume holography
are investigated. For this purpose, time-resolved investigation of volume holographic grating growth
is performed on the one hand. Spatially resolved analysis of volume holographic phase gratings by
point-by-point scanning of the local material response to the Gaussian intensity distribution of the
recording beams is carried out on the other hand. Thus, the influence of pre-exposure on the temporal
grating formation, as well as on the final obtained refractive index contrast, was determined. The
various effects observed can be explained by the consumption of photosensitive compounds and
prior crosslinking in the course of pre-exposure. Rather unexpected effects are that, on the one hand,
pre-exposed gratings emerge with ever more complete null diffraction at the transition point and,
on the other hand, a stabilizing effect of some degree of pre-exposure on regions exposed with low
intensity was identified.

Keywords: photosensitive polymers; volume holographic gratings; diffractive optical elements;
material response; pre-exposure; holographic grating formation; refractive index contrast

1. Introduction

In the research of volume holographic materials for diverse applications, much em-
phasis is placed on their design and understanding of the grating formation processes [1].
The versatile applications are numerous and range from recording media, holographic data
storage, self-written waveguides, and wavelength-selective devices, to solar energy concen-
trators and diffractive elements for biomedical applications [2–7]. Therefore, new materials
for volume holography are constantly being developed and these are being researched in
ever greater depth [4,8].

As a volume holographic material, photosensitive polymers represent a particularly
interesting group among stimuli-responsive polymeric materials, standing out due to their
ability to be applied in a non-invasive and easily controlled manner [9]. Light as a stimuli
entails optical structuring by the application of volume holography as a single-step method
for manufacturing 3D diffractive micro- and nanostructures [10].

The mechanism of volume hologram formation in photosensitive polymers, a complex
process where several components are involved, is ruled by the interplay of polymerization
and diffusion, induced by a spatially modulated holographic exposure [3,11]. Studying
the light-induced material response allows conclusions to be drawn on the mechanism
of volume hologram formation [12,13]. Hereby, many factors influence how a photo-
sensitive material responds to light during a holographic exposure. In general, intrinsic
material parameters, such as material composition or viscosity, can be distinguished from
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extrinsic factors, i.e., recording parameters, such as exposure duration and recording in-
tensity, as well as pre-exposure. However, the influence of pre-exposure has not yet been
sufficiently investigated.

The material response is studied to predict the behavior of the materials. Diffusion
models are then used for this purpose [14,15]. This also includes studying the dynamics of
noise gratings with the goal of developing material formulations and processing methods
that result in high signal-to-noise ratios [16]. It should be noted that the individual factors
can also influence each other [17]. For example, a curing process may allow stabilization of
the hologram, but at the same time may lead to a decrease in diffraction efficiency [18].

In the exploration and optimization of new materials for volume holography, the
determination of the material response to the exposure conditions is of paramount impor-
tance, since otherwise—i.e., with insufficient knowledge—it will overlap with the material
response in the study of the diffraction properties. In other words, if we do not know the
effects of each factor, we do not know whether the change in material composition or pro-
cessing on the one hand, or the exposure or pre-exposure conditions on the other, affected
the material response. Mostly, the material response to energy density of exposure—the
product of exposure intensity and exposure duration—is studied and well understood,
while the influence of pre-exposure is mostly neglected. However, it immediately plays a
role as soon as more than one hologram is generated per sample. In fact, the pre-exposure
level accumulates by means of scattered light from grating to grating. With a correspond-
ingly high sensitivity of the material—which is certainly desirable—previously generated
holograms influence the formation of subsequently generated holograms.

Beyond the rather disturbing superimposed influence of previous exposures, consid-
ering incoherent pre-exposure as an integral part of a holograph’s toolkit for perfecting
imaging results for volume holographic elements is also proposed [19]. In order to be able
to do this, however, it is first necessary to know the influence of pre-exposure precisely, so
that incoherent exposure can then be dosed and used in a targeted manner.

A straightforward option to study the influence of such pre-exposure on grating
formation and material performance is to generate several holograms—under identical
exposure conditions—one after the other on a sample, observe their formation in situ, and
then evaluate the individual diffraction characteristics of each hologram.

In the first place it is necessary to estimate to what extent and in what way pre-
exposure of a particular sample may influence grating formation of subsequently generated
holograms. In particular, when observing grating formation for several minutes up to
hours, holograms are generated in one sample with appropriate time delay. In this case,
disregard of the pre-exposure by means of scattered light of preliminary exposures may
significantly distort interpretation of results. Sizable long exposure durations of several
seconds further reinforce this effect.

This work is intended to help clarify the influence of pre-exposure. The investigations
presented here are based on a novel, recently introduced, epoxy-based material for volume
holography, standing out due to its high diffraction efficiency and dimensional stability,
low shrinkage, and great resistance to environmental conditions, having the special feature
of a free surface [20].

2. Materials and Methods
2.1. Sample Preparation

Free surface, ultraviolet curable epoxy-based samples were prepared by micro resist
technology GmbH (Berlin, Germany). Both host and guest molecules featured epoxy
functional groups with the corresponding mechanism of cationic ring-opening poly-
merization. The refractive indices of the host and guest components at 589 nm were
nhost ≈ 1.58 and nguest ≈ 1.46, respectively. A sensitized photoacid generator (PAG) was
used to induce cross-linking by cationic polymerization at 405 nm. A schematic illustration
of the host–guest material composition and grating formation mechanism is shown in
Figure 1a.
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Figure 1. Overview on Materials and Methods: (a) Schematic illustration of composition, exposure,
and grating formation for the host–guest material. (b) Holographic exposure setup with geometry
for transmission gratings. (c) In situ setup for the investigation of hologram formation in real time.
(d) Rotation-scan setup for angular resolved analysis of final gratings.

Spin coating of the material in a solution on glass substrates with a rotation speed of
800 min−1 resulted in a layer thickness of 200 µm. A subsequent pre-exposure bake was
carried out on a hotplate (80 ◦C) for 30 min to drive out the remaining solvent in order to
obtain a tack-free film. For more details on the host–guest system, in terms of composition
as well as performance—such as energetic sensitivity and angular selectivity—see [20].

2.2. Holographic Exposure

All investigations are based on one-dimensional, plane-wave, transmission type vol-
ume holographic gratings. Symmetric recording geometry was applied to create non-
slanted gratings, with a periodicity of Λ ≈ 3 µm. Holographic exposure was performed by
two freely propagating, s-polarized recording beams with a wavelength of λexp = 405 nm,
a beam diameter of 2 mm, and laser power of (0.7 ± 0.3) mW per beam. A schematic
illustration of the holographic exposure setup is shown in Figure 1b.

After the completion of holographic grating formation, samples were fixed by a UV
flood cure with a dose of 350 mJ/cm2. During this curing step the remaining photoinitiator
is used up, resulting in a sample which is no longer light-sensitive. No postbake, hardbake,
or any additional developing was applied.

2.3. Hologram Characterization
2.3.1. Real-Time Observation of Holographic Grating Growth

Grating growth curves are obtained by monitoring the time evolution of the diffracted
part of a probe beam from the very start of exposure. Such in situ techniques enable
real-time, non-disturbing observation of the grating formation process [2,21].

To ensure non-disturbing observation, the in situ probe wavelength was chosen outside
of the absorption spectrum of the photosensitizer dye. A fiber-guided 633 nm HeNe laser
was used in combination with an adjustable collimator. This allows probing with a slightly
focused beam to steadily ensure a stable on-Bragg condition. A position sensitive device
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(PSD) was used to detect the diffracted light. The PSD provides time-resolved information
on the diffraction efficiency. A schematic illustration of the in situ setup for real-time
observation of holographic grating growth is shown in Figure 1c.

2.3.2. Angular-Resolved Analysis and Lateral Scanning

Angular-resolved investigations allow the determination of the Bragg selectivity,
which defines the optical functionality [22]. Analysis of the final holograms was accom-
plished in a rotation-scan setup with a collimated probe beam. The rotation-scan setup
is shown in Figure 1d. The transmitted signal of a HeNe laser (λp = 543 nm) is detected
while the hologram under test is rotated. The diffraction efficiency was calculated from the
angular resolved transmission. By comparison of the angular resolved diffraction efficiency
with a rigorous solution of the coupled wave theory (RCWT) [23], the layer thickness d and
the refractive index contrast ∆n is derived.

The probe beam featured a diameter of 0.2 mm. Probing less than a tenth of the exposed
area was primarily for the purpose of measuring precision [20,24]. However, it also enables
the scanning of the grating by moving the sample perpendicular to the optical axis. A
sequence of rotation scans through the grating diameter constitutes a lateral scan [25].
This analytical method allows the determination of the hologram characteristics along the
sample surface. Thereupon, it is possible to compare and track respective properties from
the center of the grating to the edges, corresponding to the areas of highest and lowest
recording intensity. As a consequence, spatial sequences of the grating parameters are
derived, providing insight into the local material characteristics. Furthermore, every single
lateral position is assigned to a certain local exposure dose, determined by the Gaussian
intensity distribution of the recording beams. As a consequence, a lateral scan contains
energetically resolved information as well. The respective allocation of the abscissa to the
local energy density allows one to draw conclusions on the influence of the recording dose.

3. Results and Discussion
3.1. Real-Time Observation of Holographic Grating Growth

Holographic grating growth in the novel epoxy-based material system has been
studied extensively and can be described in general as a two-step growth, ruled by the
interplay of polymerization and diffusion [21]. It can be described by the ∆n-transition
theory, according to which the first step of growth is attributed to a positive refractive index
contrast ∆n+, while the second growth step is related to segregation of components by
diffusion, resulting in a permanent grating with negative refractive index contrast ∆n−.
Overall results for the temporal evolution of refractive index contrast:

∆n(t) = ∆n+(r+, s+, t0+, t) + ∆n−(r−, s−, t0−, t)

While the individual growth of the positive contrast grating is ruled by
∆n+(t) = s+

[
1− e−r+(t−t0+)

]
, hereby r+ controls the rise, s+ is the saturation value, and t0+

is the starting time of grating growth. The same applies for the negative contrast grating
with ∆n−. The change of sign in ∆n(t) causes a zero point of diffraction—the transition point
at the transition time t = tT; here the grating growth curve passes through its minimum. For
the total resulting permanent grating, the saturation value is s = s+ + s− = ∆n(t→ ∞).

3.1.1. The Doped System

Figure 2 shows growth curves for three holograms, subsequently recorded with a time
lag of 12 h each. Exposure duration was 15 s for each hologram. From grating to grating
the pre-exposure level accumulates by means of scattering. On the double logarithmic
scale, the individual growth curves can easily be compared. Four types of differences can
be identified:

(1) Lower rise of the first growth step, i.e., decrease of the parameter r+. The steepest
rising positive-contrast-growth is achieved with the lowest pre-exposure dose. This
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effect can be traced back to the fact that photosensitive compounds are partially used
up during exposure with the result of decreasing photosensitivity.

(2) Retarded transition point tT. Meeting the expectations out of the ∆n-transition theory,
it is apparent from Figure 2 that from exposure to exposure, the transition point tT
is located at later times, indicating slower diffusion. This fact is plausible under the
conception of a certain loss in mobility of the matrix throughout prior cross-linking,
thereby impeding particle movement.

(3) Lower rise of the second growth step, i.e., decrease of the parameter r−: this can be
apprehended as a consequence and co-action of the first two effects. As expected from
the ∆n-transition theory, the rise of the second growth is progressively reduced with
increased pre-exposure dose.

(4) Less incomplete null. The effect of an incomplete zero in the growth curve can be
attributed to a non-zero average value of the diffraction efficiency due to significantly
unequal transition times across the probe beam diameter, which could be the case if
the polymerization and/or diffusion rates are intensity dependent. Here the influence
of the pre-exposure is difficult to explain. Subsequently generated gratings show a
less and less pronounced incomplete null.
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Figure 2. Impact of pre-exposure on the holographic grating growth in the doped system. Holograms
were subsequently recorded in one sample with a time lag of 12 h. Exposure duration was 15 s
for each hologram and the corresponding exposure dose was 750 mJ/cm2. The growth curves are
displayed on double logarithmic scales to highlight the differences in the formation of the first (violet),
second (orange), and third (red) grating.

Overall, the results lead to the conclusion that the more pre-exposure the sample
undergoes, the less strongly the grating growth rises and the later diffusion starts and pro-
ceeds. However, the most conspicuous feature regards the completeness of the zero point
throughout the transition. While the first growth curve shows a pronounced incomplete
null, subsequent gratings emerge with ever more complete null diffraction at the transition
point. Explanation of this effect remains outstanding.

3.1.2. The Undoped System: SU-8

In studying the dynamics of the growth of holographic gratings, it has proven helpful
to also investigate a simplified system in the form of the undoped SU-8 [12]. Without guest
component the system is vastly simplified. The growth curves in case of SU-8 differ from
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those described by the ∆n-transition theory, since without guest component no transition
takes place. However, they also show two phases, which can be explained by the formation
of transient absorption as well as phase gratings in SU-8 [12].

Figure 3 shows growth curves of three subsequently generated holograms with com-
parable exposure duration in the undoped system SU-8. Time delay was 15 min between
the first and the second exposure and 90 min between the second and the third exposure.
Again, results from Figure 3 illustrate that pre-exposure cannot be neglected.
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was 10 s (violet curve) and 15 s (red and orange curve), respectively.

As before with the doped system, the effect of pre-exposure on the grating growth
affects all four characteristics of the growth curves:

(1) The initial growth of subsequent holograms rises slower, indicating a consumption of
photoacid by previous exposures.

(2) The depletion area is slightly shifted to later times.
(3) The rise of the second growth step is decreasing with the number of pre-exposures.

The two latter issues suggest deceleration of the cross-linking.
(4) Finally, the saturation and decrease of diffraction starts earlier in a pre-exposed sample

(apparent in view of the orange curve in Figure 3). This meets the expectations with
respect to the reduction of the dynamic range as a result of photoacid consumption
and exhaustion of non-cross-linked chains.

3.2. Analysis of Final Gratings
3.2.1. Impact of Pre-Exposure on the Intensity Response

To determine the influence of pre-exposure on the material response, the technique
of lateral scanning was used [25]. This allows the response of the material to variations in
intensity to be separated from the influence of the pre-exposure. With the help of lateral
scanning, the intensity response can be determined for each individual exposure and thus
ultimately compared for different successively generated holograms, which differ in the
amount of pre-exposure.

Figure 4 shows lateral scans of a line of four subsequently exposed holograms, gen-
erated under equal conditions (laser power was constant 1.5 mW, exposure duration was
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15 s in each case, and exposure geometry results in an unslanted grating with a period of
Λ = 2.9 µm).
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Figure 4. Impact of pre-exposure on the intensity response. All holograms are subsequently exposed
(first, second, third, fourth) under equal conditions. Exposure duration was 15 s in each case.

The lateral scans show the evolution of diffraction efficiency as a function of local
energy density, which can be interpreted as intensity response. The intensity response of
the four gratings differs significantly, confirming that the influence of pre-exposure due
to pre-recorded holograms should not be underestimated. The lower sensitivity, resulting
from consumption of photosensitive compounds on the one hand and prior crosslinking
on the other hand, causes a decrease in the material response from exposure to exposure.

However, it must be emphasized that some degree of pre-exposure appears to have a
stabilizing effect on regions exposed with low intensity: below 1200 mJ/cm2 the second grat-
ing shows the sharpest increase in the response curve (see green curve in Figure 4). While
the first and second hologram are overmodulated (blue and green curve in
Figure 4)—associated with a strong coupling and consequently high induced index
contrast—the third and fourth grating (orange and red curve in Figure 4) show a pro-
gressively lower response, which is reflected in the low diffraction efficiency and, especially
for the last grating, in a weak increase of the diffraction efficiency with increasing intensity.

3.2.2. Interplay of Pre-Exposure and Energy Density of Exposure

To effectively estimate the impact of pre-exposure on the hologram performance, the
interplay with the exposure dose—i.e., the product of exposure intensity and the exposure
duration—is vitally important. Figure 5 shows lateral scans of a line of five subsequently
exposed holograms, generated one after the other with increasing exposure duration.
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Figure 5. Interplay of exposure duration and pre-exposure on the intensity response. Gratings
are subsequently created from short to long exposure duration, i.e., in the sequence 15 s (dark
blue squares), 17 s (blue circles), 19 s (green triangles up), 21 s (orange triangles down) and 35 s
(red diamonds).

For the lateral scans shown in Figure 5, the diffraction efficiency is displayed versus
the lateral position, while in case of Figure 4, position was converted to local energy
density. This way of presenting facilitates the spatial representation of the hologram shape.
Superposition of pre-exposure influence and impact of exposure duration results in the
case of the test series shown in Figure 5, in a clear preference of short exposure and a low
pre-exposure level, while the overall outcome of the two effects, particularly in view of the
very long exposure duration in the case of this example, is relatively moderate. Regardless
of the similar impact of the respective effects, a potential mutual reinforcement is not to be
expected. This gives rise to the assumption that a certain minimum material performance
can be achieved reliably, regardless of the number of preceding exposures or for low power
hologram recording in favor of longer exposure duration, respectively.

3.2.3. Impact of Pre-Exposure on the Refractive Index Contrast

The most important value characterizing a holographic material is the refractive index
contrast ∆n, which is induced in the material by the holographic exposure. Therefore, it is
particularly important here to determine the influence of the pre-exposure on the achievable
contrast ∆n. For this purpose, three rows with four holograms each were generated and
analyzed here in one sample. Results are shown in Figure 6, which illustrates the impact of
pre-exposure by means of scattered light on the final refractive index contrast.

The results in Figure 6 clearly show that the refractive index contrast depends signifi-
cantly on the pre-exposure of the sample. In fact, single exposures influence the value of
the refractive index contrast by (30 ± 10)%. Within a single row, ∆n is decreasing from one
column to the next. This effect is further enhanced by the total amount of pre-exposure, i.e.,
from line to line. It can be concluded that the refractive index contrast ∆n decreases with
the number of previous exposures. This can be explained by gradual decrease of the pho-
tosensitivity as a result of photoacid and or monomer consumption. Similar phenomena,
namely a reduced dynamic range with increasing pre-exposure dose, have been observed
in the context of time-resolved studies, discussed in Section 3.1.
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inlay in the upper right shows the gradient of the refractive index contrast from line to line with
corresponding linear fit.

Another unexpected feature identifiable in Figure 6 concerns the vertical position of
the holograms. Based on preliminary results, i.e., the pre-exposure influence (decrease of
∆n), a decrease is expected in ∆n from line to line. However, according to Figure 6, the
vertical position on the sample seems to have a strong countervailing effect on the refractive
index contrast, overcompensating for the pre-exposure influence. Holograms in line two
and three are created subsequently and with a rising level of pre-exposure. Despite the
significant amount of pre-exposure, the first grating in the third row exhibits the highest
index contrast. Furthermore, the rise of ∆n from line to line shows a clear linear behavior
(see inlay in Figure 6). To explain those effects, it must be considered that the samples have
open surfaces, and a gradient of the layer thickness occurs due to a certain material flow.
In addition, a monomer concentration gradient can be assumed as a result of the material
flow. From the results in Figure 6 it can be seen that the influence of the material flow on
the refractive index contrast exceeds that of the pre-exposure.

4. Conclusions

Based on investigations on a novel epoxy-based free surface volume holographic
material, the influence of pre-exposure is studied, both on the formation of holograms
in real-time as well as on their final, permanent diffraction characteristics. It could be
shown that the influence of pre-exposure due to pre-recorded holograms should not
be underestimated.
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Results of real-time observation of holographic grating growth in doped and undoped
SU-8 show the clear influence of pre-exposure on grating formation: the more pre-exposure
the sample undergoes, the less strongly the grating growth rises and the later and slower
diffusion starts and proceeds. This can be explained by a reduction of the dynamic range
as a result of photoacid consumption, deceleration of the cross-linking, and exhaustion of
non-cross-linked chains. The deceleration of diffusion can be explained by a certain loss in
mobility of the matrix which impeded particle movement throughout prior cross-linking.
Less easily explained is the fact that pre-exposed gratings in the doped material emerge
with ever more complete null diffraction at the transition point.

Analysis of the intensity response has shown a decrease in the material response from
exposure to exposure. Again, this can be explained by consumption of photosensitive
compounds on the one hand and prior crosslinking on the other hand. However, it has been
shown that some degree of pre-exposure appears to have a stabilizing effect on regions
exposed with low intensity.

When analyzing the interaction of pre-exposure and exposure energy density, the
best results were obtained with short exposure and a low pre-exposure level. It has been
shown that the refractive index contrast ∆n decreases sharply with the level of pre-exposure.
Again, both can be explained by decreased photosensitivity and prior crosslinking in the
course of previous exposures.

In addition to refractive index contrast and energy density, another important parame-
ter is the film thickness. The layer thickness represents a crucial factor for the selectivity of
optical elements and for storage capacity of memories [26]. It remains to be clarified which
role the pre-exposure plays here and also in connection with a variation of the exposure
duration. In this context, the issue is volumetric shrinkage and expansion [25,27]. Here, too,
the influence of the pre-exposure still has to be determined. Thus, it remains an exciting
task to explore the mutual influence of material composition and processing, exposure, and
pre-exposure conditions on grating formation in volume holographic materials.

Funding: This research was funded by Deutsche Forschungsgemeinschaft (DFG, German Research
Foundation), grant number SA 2990/1-1.

Institutional Review Board Statement: Not applicable.

Informed Consent Statement: Not applicable.

Data Availability Statement: Not applicable.

Acknowledgments: The author thanks micro resist technology GmbH for providing the photopoly-
mer material and samples.

Conflicts of Interest: The author declares no conflict of interest. The funders had no role in the design
of the study; in the collection, analyses, or interpretation of data; in the writing of the manuscript, or
in the decision to publish the results.

References
1. Sheridan, J.T.; Kostuk, R.; Fimia, A.; Wang, Y. Roadmap on Holography. J. Opt. 2020, 22, 65. [CrossRef]
2. Sabel, T.; Lensen, M.C. Volume Holography: Novel Materials, Methods and Applications. In Holographic Materials and Optical

Systems; Naydenova, I., Babeva, T., Nazarova, D., Eds.; InTech: Rijeka, Croatia, 2017.
3. Gallego, S.; Fernández, R.; Márquez, A.; Ortuño, M.; Neipp, C.; Gleeson, M.R.; Sheridan, J.T.; Beléndez, A. Two diffusion

photopolymer for sharp diffractive optical elements recording. Opt. Lett. 2015, 40, 3221–3224. [CrossRef] [PubMed]
4. Guo, J.; Gleeson, M.R.; Sheridan, J.T. A Review of the Optimisation of Photopolymer Materials for Holographic Data Storage.

Phys. Res. Int. 2012, 2012, 803439. [CrossRef]
5. Malallah, R.; Li, H.; Kelly, D.P.; Healy, J.J.; Sheridan, J.T. A Review of Hologram Storage and Self-Written Waveguides Formation

in Photopolymer Media. Polymers 2017, 9, 337. [CrossRef]
6. Naydenova, I.; Akbari, H.; Dalton, C.; Mohamed, M.Y.; Wei, C.P.T.; Toal, V.; Martin, S. Photopolymer Holographic Optical

Elements for Application in Solar Energy Concentrators. In Holography—Basic Principles and Contemporary Applications; Mihaylova,
E., Ed.; InTech: Rijeka, Croatia, 2013; pp. 129–145.

7. Sabel-Grau, T.; Tyushina, A.; Babalik, C.; Lensen, M.C. UV-VIS Curable PEG Hydrogels for Biomedical Applications with
Multifunctionality. Gels 2022, 8, 8. [CrossRef]

http://doi.org/10.1088/2040-8986/abb3a4
http://doi.org/10.1364/OL.40.003221
http://www.ncbi.nlm.nih.gov/pubmed/26176434
http://doi.org/10.1155/2012/803439
http://doi.org/10.3390/polym9080337
http://doi.org/10.3390/gels8030164


Polymers 2022, 14, 2193 11 of 11

8. Barachevsky, V.A. The Current Status of the Development of Light-Sensitive Media for Holography (a Review). Opt. Spectrosc.
2018, 124, 373–407. [CrossRef]

9. Roy, D.; Cambre, J.N.; Sumerlin, B.S. Future perspectives and recent advances in stimuli-responsive materials. Prog. Polym. Sci.
2010, 35, 278–301. [CrossRef]

10. Colburn, W.S.; Haines, K.A. Volume Hologram Formation in Photopolymer Materials. Appl. Opt. 1971, 10, 1636–1641. [CrossRef]
11. Zhao, G.; Mouroulis, P. Diffusion Model of Hologram Formation in Dry Photopolymer Materials. J. Mod. Opt. 1994, 41, 1929–1939.

[CrossRef]
12. Sabel, T. Volume hologram formation in SU-8 photoresist. Polymers 2017, 9, 198. [CrossRef]
13. Liu, S.; Gleeson, M.R.; Guo, J.; Sheridan, J.T. High Intensity Response of Photopolymer Materials for Holographic Grating

Formation. Macromolecules 2010, 43, 9462–9472. [CrossRef]
14. Sheridan, J.T.; Lawrence, J.R. Nonlocal-response diffusion model of holographic recording in photopolymer. J. Opt. Soc. Am. A

2000, 17, 1108–1114. [CrossRef] [PubMed]
15. Fernández, R.; Gallego, S.; Márquez, A.; Neipp, C.; Calzado, E.M.; Francés, J.; Morales-Vidal, M.; Beléndez, A. Complex Diffractive

Optical Elements Stored in Photopolymers. Polymers 2019, 11, 1920. [CrossRef] [PubMed]
16. McLeod, R.R. Numerical Technique for Study of Noise Grating Dynamics in Holographic Photopolymers. Polymers 2020, 12, 2744.

[CrossRef]
17. Sabel, T. Spatial Frequency Response of Epoxy-Based Volume Holographic Recording Material. Molecules 2019, 2, 1018. [CrossRef]
18. Morales-Vidal, M.; Ramírez, M.; Sirvent, D.; Martínez Guardiola, F.; Álvarez, M.; Pascual, I. Efficient and stable holographic

gratings stored in an environmentally friendly photopolymer. In Proceedings of the IV International Conference on Applications
of Optics and Photonics, Lisbon, Portugal, 31 May–4 June 2019; p. 202.

19. Bruder, F.-K.; Fäcke, T.; Hansen, S.; Manecke, C.; Rewitz, C.; Rölle, T.; Orselli, E.; Wewer, B. On the impact of incoherent
pre-exposure on vHOE recording in Bayfol HX film for see-through applications. In Proceedings of the SPIE OPTO, 10558,
Practical Holography XXXII: Displays, Materials, and Applications, San Francisco, CA, USA, 19 February 2018; p. 18.

20. Sabel, T.; Orlic, S.; Pfeiffer, K.; Ostrzinski, U.; Grützner, G. Free-surface photopolymerizable recording material for volume
holography. Opt. Mater. Express 2013, 3, 329–338. [CrossRef]

21. Sabel, T.; Zschocher, M. Transition of refractive index contrast in course of grating growth. Sci. Rep. 2013, 3, 2552. [CrossRef]
22. Hata, E.; Mitsube, K.; Momose, K.; Tomita, Y. Holographic nanoparticle-polymer composites based on step-growth thiol-ene

photopolymerization. Opt. Mater. Express 2011, 1, 207–222. [CrossRef]
23. Moharam, M.G.; Gaylord, T.K. Rigorous coupled-wave analysis of planar-grating diffraction. J. Opt. Soc. Am. 1981, 71, 811–818.

[CrossRef]
24. Steckman, G.; Havermeyer, F. High spatial resolution measurement of volume holographic gratings. Proc. SPIE Int. Soc. Opt. Eng.

2006, 6136, 613602.
25. Sabel, T. Spatially resolved analysis of Bragg selectivity. Appl. Sci. 2015, 5, 1064–1075. [CrossRef]
26. Veniaminov, A.; Bartsch, E.; Semenova, I.; Popov, A. Hologram Development by Diffusion in a Polymer Glass. In Proceedings of

the SPIE 5216 Organic Holographic Materials and Applications, San Francisco, CA, USA, 8 December 2003; pp. 156–164.
27. Sabel, T.; Zschocher, M. Dynamic Bragg Angle Shift in the Course of Volume Hologram Formation. Mater. Res. Lett. 2014, 2, 76–81.

[CrossRef]

http://doi.org/10.1134/S0030400X18030062
http://doi.org/10.1016/j.progpolymsci.2009.10.008
http://doi.org/10.1364/AO.10.001636
http://doi.org/10.1080/09500349414551831
http://doi.org/10.3390/polym9060198
http://doi.org/10.1021/ma101723y
http://doi.org/10.1364/JOSAA.17.001108
http://www.ncbi.nlm.nih.gov/pubmed/10850482
http://doi.org/10.3390/polym11121920
http://www.ncbi.nlm.nih.gov/pubmed/31766539
http://doi.org/10.3390/polym12112744
http://doi.org/10.3390/molecules24061018
http://doi.org/10.1364/OME.3.000329
http://doi.org/10.1038/srep02552
http://doi.org/10.1364/OME.1.000207
http://doi.org/10.1364/JOSA.71.000811
http://doi.org/10.3390/app5041064
http://doi.org/10.1080/21663831.2013.867547

	Introduction 
	Materials and Methods 
	Sample Preparation 
	Holographic Exposure 
	Hologram Characterization 
	Real-Time Observation of Holographic Grating Growth 
	Angular-Resolved Analysis and Lateral Scanning 


	Results and Discussion 
	Real-Time Observation of Holographic Grating Growth 
	The Doped System 
	The Undoped System: SU-8 

	Analysis of Final Gratings 
	Impact of Pre-Exposure on the Intensity Response 
	Interplay of Pre-Exposure and Energy Density of Exposure 
	Impact of Pre-Exposure on the Refractive Index Contrast 


	Conclusions 
	References

