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Abstract: Chiral materials are essential to perceive photonic devices that control the helicity of
light. However, the chirality of natural materials is rather weak, and relatively thick films are
needed for noticeable effects. To overcome this limitation, artificial photonic materials were
suggested to affect the chiral response in a much more substantial manner. Ideally, a single layer
of such a material, a metasurface, should already be sufficient. While various structures fabricated
with top-down nanofabrication technologies have already been reported, here we propose to
utilize scaffolded DNA origami technology, a scalable bottom-up approach for metamolecule
production, to fabricate a chiral metasurface. We introduce a chiral plasmonic metamolecule
in the shape of a tripod and simulate its optical properties. By fixing the metamolecule to a
rectangular planar origami, the tripods can be assembled into a 2D DNA origami crystal that
forms a chiral metasurface. We simulate the optical properties but also fabricate selected devices
to assess the experimental feasibility of the suggested approach critically.
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1. Introduction

Optical metamaterials are artificial materials built from the periodic arrangement of structures
that have a critical length scale smaller or ideally much smaller than the wavelength of light
considered for operation. This results in physical properties of the metamaterial that are largely
determined by the structure of the material units in combination with the intrinsic material
properties of the units from which it is made. This combination makes it possible to create
materials with on-demand properties that can be used to control the propagation of light in a
precise manner as required for specific applications in a way that is not possible with naturally
available materials [1]. While the notion of metamaterials emerged across all frequency spectra,
ranging from static and low-frequency metamaterials up to the ultra-violet domain, we are
particularly concerned here with optical metamaterials [2]. Moreover, the specific property of
interest to us is that of chirality [3]. Chirality, per se, is a geometrical property. An object is
chiral if it cannot be superimposed onto its mirror image. Geometrical chirality translates to a
specific optical response where plane waves of different circular polarization propagating in a
chiral medium obey different dispersion relations, i.e., different (complex) wavenumbers for a
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given frequency [4]. Circular dichroism and optical rotation are two prominent effects that affect
circularly polarized plane waves differently [5]. Both effects are at the heart of many applications
revolving around controlling circular polarization states of light [6–8]. Circular polarizers and
filters are crucial in photography, optical instrumentation, and display technologies, as they can
selectively transmit or block circularly polarized light, improving image contrast and quality.
The importance of materials that offer a large CD carries over to chiral sensing applications
in biomedical sciences, where different enantiomers often have a highly different effect on the
biological system. As current chiral sensing technologies are costly and require large amounts
of samples, the field could benefit greatly from novel and more effective methods to control
circularly polarized states of light [9,10]. However, the broken mirror symmetry in natural
materials, usually molecules, happens on length scales much smaller than the optical wavelength.
Consequently, the chiral optical response of natural materials is extremely weak. To effectively
control circular polarization states of light, it is, therefore, crucial to design metamolecules
with a strong chiral optical response [11]. These metamolecules will form a metamaterial or a
metasurface upon a periodic arrangement in 3D or 2D, respectively [12].

We usually distinguish two different approaches to fabricate metamolecules. On the one hand,
top-down approaches such as electron beam lithography, ion beam milling, or 3D laser printing
can be used [13–15].

These approaches provide excellent deterministic control over the geometrical details of the
structures resulting in a strong chiral optical response. However, top-down methods generally
have slower production rates, are associated with higher production costs and usually only
provide samples within a limited spatial area, thereby hampering large-scale applications [16].
Furthermore, true 3D structures are a notorious challenge, but one that is necessary to realize
truly chiral objects and not just samples where mirror symmetry is broken by the presence of a
substrate.

In contrast, bottom-up approaches overcome many of these limitations. Here, usually, self-
assembly techniques are used to obtain photonic metamaterials of sufficient complexity that are
feasible for large-scale fabrication at reasonably low costs [17,18]. As this research is motivated
by its application in controling circular ploarized states of light, bottom-up approaches are, in this
context, preferable to existing top-down methods. While many self-assembly strategies are known,
few allow us to reach structures with a broken mirror symmetry, or at least not a racemic mixture.
Moreover, by requiring a substantial optical response that prompts us to build resonant structures
into the design that enhance the light-matter interactions, not many bottom-up fabrication avenues
are left open. One of the most promising technologies is DNA-Nanotechnology [19,20].

The core idea of DNA-Nanotechnology [21–25] is to use the programmability of DNA
strands, that is the predictable pairing of bases in DNA strands [26], to self assemble complex
nanostructures. Since the creation of DNA-Nanotechnology by Seeman in 1982 [21], it was
massively influenced by the development of Rothemund’s DNA origami in 2006 [27] on which
this work is based.

DNA origami [28,29] allows the creation of very complex structures [30–32]. By extending
unpaired DNA linkers out of the DNA origami nanostructures, it is possible to position metallic
nanoparticles functionalized with complementary DNA with nanometer precision [33]. This is
essential for optical applications of DNA origami, as the intrinsic interaction of light and DNA is
very weak due to the low contrast of the refractive index. Therefore, the plasmonic resonances of
metallic nanoparticles are used to generate the necessary strong light-matter interaction. The
combination of DNA and plasmonic nanoparticles has already been successfully used to create
various plasmonic nanodevices, such as waveguides [34,35] or antennas [36]. Of special interest
for our work on metamaterials are chiral plasmonic metamolecules assembled by DNA origami
[37–40]. Also, the assembly of symmetric quasi-2D DNA origami into lattices is of interest,
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which has been shown in solution [41–43] and at 2D liquid-lipid [44,45] and liquid-solid [46–48]
interfaces.

While it has been proposed to combine these two results to create complex plasmonic
metasurfaces [49], there exist only a few published results on DNA-based plasmonic [50,51] or
silica-based [52] metasurfaces. To our knowledge, creating a chiral plasmonic metasurface has
not been attempted. It is the purpose of this contribution to explore on computational grounds
the possible optical response of a suitably optimized chiral plasmonic metasurface and to assess
the feasibility of its fabrication on experimental grounds. Note that our approach differs from
DNA origami placement methods that combine lithography with DNA origami [52,53], as this
limits the periodicity of the metasurface. We stress upfront that we do not aim for a record-high
optical response. Instead, we stay within the realm of experimentally accessible parameters and
try to elucidate the potential of the technology.

The following work is structured into three sections. First, we introduce in Section 2 the
considered chiral plasmonic metamolecule. This includes a study of its optical properties and an
optimization of the plasmonic particle sizes. Second, we will consider in Section 3 a metasurface
made from these plasmonic metamolecules and explore its optical properties. Finally, we will
discuss in Section 4 the experimental feasibility of our suggested samples, where we show the
realization of the necessary origami and the formation of a large ordered lattice.

2. Design metamolecule

In this section, we will discuss the chiral metamolecule at the core of our work. This metamolecule
will then, in the next section, be used to create a chiral metasurface. The design of the metamolecule
is shown in Fig. 1(a). It consists of the DNA origami, shown in blue, that forms a tripod, and the
plasmonic particles, shown in gold, mainly responsible for the chiral response. The distance of
the gold nanoparticles to the central axis shown in the orthographic projection is d = 19.4 nm,
and the slant angle of the legs is β = 35.3◦. The shape of a tripod was chosen as its legs allow
for an ordered connection of the metamolecule to another DNA origami, which will be vital in
forming a metasurface later on. We postpone the discussion of the origami to Section 4 and
solely concentrate on the optical aspect for the time being. Note that while the DNA molecule
is chiral, its chiroptical response is much lower than the response generated by the plasmonic
nanoparticles. This is caused by the very similar refractive index of the DNA and its surrounding
(water) solution, leading to a very low optical contrast. Therefore, the contribution of the DNA
is neglected in the following simulations, where we only consider metamolecules made from
a suitable spatial arrangement of metallic nanoparticles. The plasmonic particles considered
in this work are three gold nanorods of different lengths. The length difference is necessary as,
otherwise, the structure would be achiral. In the following, we optimize the lengths of these
nanorods to achieve the highest chiroptical response possible with this setup. The considered
lengths range between 20 nm and 50 nm with a step size of 2 nm. The diameter is 10 nm for all
nanorods considered. Naturally, if the restriction on the shape of the nanoparticles and their
discrete lengths is dropped, a better result can be reached. However, nanorods are the most basic
shape for which three particles suffice to induce chirality, and a lower number of constituents
is less prone to errors. Furthermore, the precision with which nanorods can be synthesized is
limited, which explains the discrete lengths chosen in our optimization. The restrictions we place
on ourselves here, therefore, correspond to an experimentally feasible metamolecule.

The figure of merit used for this work is the circular dichroism (CD), defined as the normalized
difference between the absorption cross-section of the metamolecule for left- and righthand
polarized light σL−σR

σL+σR
. The CD is directly linked to the imaginary part of the parameter that

characterizes the chiroptical response of the material. As the real and imaginary parts can be
related to each other via a Kramers-Kronig relation, this gives the full information if a large
enough spectrum is investigated. Additionally, we will examine the extinction cross-section
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Fig. 1. (a) To scale representation of the metamolecule. The DNA origami is shown
in blue and the three nanorods in gold. The orthographic projection on the right side
shows the distance of the rods to the center 𝑑 as well as the slant angle 𝛽. (b) The
peak-to-valley difference in the orientational-averaged CD spectra for all examined
structures. The length of the decorating particle for each leg is denoted on the x-,
y-, and z-axis, respectively. The optimal structure with the highest peak-to-valley
difference of the CD is marked in red and corresponds to the configuration shown in
(a). (c) The simulated orientation-averaged optical response of the metamolecule that
was shown in (a). The extinction cross-section is shown in blue, and the CD in red. (d)
Extinction cross-section and CD of the metamolecule for a plane wave propagating in
the −𝑧-direction in blue and red, respectively.

larger number of full-wave simulations. We are specifically interested in the T-matrix in a helicity
basis [54], which can be written as

T =
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«
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TRL TRR
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¬
, (1)

where the submatrices couple the different helicities to each other. Rotationally averaged
quantities, such as the extinction cross-section, can easily be expressed as
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Moreover, the rotationally averaged CD signal can be expressed as
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Fig. 1. (a) To scale representation of the metamolecule. The DNA origami is shown in
blue and the three nanorods in gold. The orthographic projection on the right side shows
the distance of the rods to the center d as well as the slant angle β. (b) The peak-to-valley
difference in the orientational-averaged CD spectra for all examined structures. The length
of the decorating particle for each leg is denoted on the x-, y-, and z-axis, respectively. The
optimal structure with the highest peak-to-valley difference of the CD is marked in red
and corresponds to the configuration shown in (a). (c) The simulated orientation-averaged
optical response of the metamolecule that was shown in (a). The extinction cross-section is
shown in blue, and the CD in red. (d) Extinction cross-section and CD of the metamolecule
for a plane wave propagating in the −z-direction in blue and red, respectively.

averaged over both polarizations. For the optimization of the rod lengths, we are interested
in the global quantities of the metamolecule and will consider cross-sections and CD that are
rotationally averaged. This corresponds to an ensemble average to a specific illumination.

Details of the numerical simulations are documented in Supplement 1. In a nutshell, we
initially use a finite-element method to retrieve the T-matrix of a given metamolecule from a
larger number of full-wave simulations. We are specifically interested in the T-matrix in a helicity
basis [54], which can be written as

T = ⎛⎜⎝
TLL TLR

TRL TRR

⎞⎟⎠
, (1)

where the submatrices couple the different helicities to each other. Rotationally averaged
quantities, such as the extinction cross-section, can easily be expressed as

σext =
4π
2k2ℜ[Tr (TLL + TRR)] . (2)

https://doi.org/10.6084/m9.figshare.25434442
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Moreover, the rotationally averaged CD signal can be expressed as

CD =
ℜ

[︂
Tr

(︂
TLL(1 − T†

LL) − TRR(1 − T†
RR)

)︂]︂
ℜ

[︂
Tr

(︂
TLL(1 − T†

LL) + TRR(1 − T†
RR) − T†

LRTLR − T†
RLTRL

)︂]︂ , (3)

where k is the wave number of the incident wave, and † denotes the Hermitian conjugate [55].
Note that due to the average, the orientation of the incident wave has no influence on the result.

We will now look at the peak-to-valley difference of the rotationally averaged CD in the spectral
region of interest (400-1000 nm). Instead of the absolute maximum, we chose the difference from
peak to valley, as this should lead to spectra with a more dispersive line shape. These spectra are
easier to detect experimentally at low yields. The optimization results are shown in Fig. 1(b) as
a scatter plot, where the position along the three dimensions corresponds to the length of the
three nanorods. The color of each data point shows the peak-to-valley difference of the CD. The
configuration with the highest peak-to-valley difference of the CD is highlighted by the slightly
larger, bright red point and is the configuration shown in Fig. 1(a).

As a general trend, the CD decreases when the constituents get smaller, that is, when one
moves toward the bottom left-hand corner of the figure. This is not due to the overall scattering
decreasing, as the CD is normalized to the scattering response. An intuitive reason for this might
be that the more different the lengths of the three nanorods are, the higher is the chirality of
the tripod. One should, however, be careful with such interpretations as there is no definite
quantization scheme for chirality [56], and the geometrical chirality does not necessarily coincide
with that of the plasmonic mode [57]. Indeed, what eventually matters is the chiral interaction of
light with the structure [58].

Having found the optimal structure of our metamolecule that will be used in the following,
we now study this configuration in more detail. The lengths of the nanorods for the optimal
configuration are 22 nm, 42 nm, and 50 nm. The resulting rotationally averaged CD and extinction
cross-section spectra for this tripod are shown Fig. 1(c) in red and blue, respectively. The extinction
cross-section shown here and in all further plots is the average of both polarizations. The spectrum
shows four distinct peaks that can be connected to the plasmonic resonances of the constituents.
The first resonance at roughly 500 nm corresponds to the transversal resonance of the nanorods.
As the transversal resonance only varies slightly with the length of the nanorods, this results in
one single, albeit broadened, resonance. The three following resonances are the longitudinal
resonances of the three nanorods in increasing order of their length.

This direct correspondence shows that the spectrum can be explained as the superposition of
its constituents, along with some mild hybridization between the plasmonic modes sustained
in each nanorod. The hybridization is important, as each nanorod would be mirror-symmetric,
and only the collective response enables a chiral response. Clearly, the design is necessarily a
compromise that balances multiple and mutually exclusive demands. On the one hand, theory
suggests that a strong hybridization can only be reached for particles with comparable resonance
frequencies [59]. On the other hand, if the nanorods have similar lengths to hybridize their
plasmonic modes properly, the metamolecule is not sufficiently chiral to cause a strong response,
as discussed earlier. In each case, the systematic analysis on numerical grounds permits an
optimization within the parameter range feasible for an experimental realization.

Theoretically speaking, there are several possibilities to improve the plasmonic hybridization
and, thus, to increase the CD. For example, the resonances of the nanorods could be tailored by
coating the nanorods with another metal, achieving similar resonances while retaining different
shapes of the particles. However, precise control over this is experimentally not feasible. An
alternative would be the usage of nanospheres where the resonance does vary more slowly with
the size. However, this would require at least four particles that have to be placed at distinctive
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positions, which would complicate the physical assembly of the metamolecule. For the following
study, this configuration with three nanorods is therefore used.

While the ensemble average is a more complete measure of the properties of the metamolecule,
the goal is the formation of a metasurface where the metamolecules are arranged in a fully
ordered fashion. Therefore, we will now study the extinction cross-section and the CD for a single
specific direction of incidence. We choose propagation in the −z-direction in correspondence to
the illumination used later for the metasurface. Note, that while we fix the direction of incidence
to a single value, the outgoing waves are still averaged over the entire space when considering
the response of an individual metamolecule. This configuration, which is more reminiscent of
the setup of the metasurface instead of the orientation averaged CD, could have been further
optimized. However, differences in the predicted optimal geometry are minimal (see Fig. S1),
and the orientation average leads to a more fundamental property of the metamolecule.

The resulting spectra of the extinction cross-section and CD are shown in Fig. 1(d) in blue
and red, respectively. The extinction cross-section does only change quantitatively. The height
of the longitudinal peaks is reduced compared to the ensemble average because the average
included states in which the resonances of the rods were maximally excited. The change in the
CD spectrum appears more drastic. However, the qualitative behavior of the modes is retained.
The minima at 640 nm and 870 nm appear in both spectra but are much more pronounced in the
unaveraged spectrum and, therefore, overlay the double-peak structure between them. Note also
that the CD is three orders of magnitude greater when illuminated from this specific orientation.
This might be due to the orientation providing a high geometrical chirality.

3. Metasurface

Having discussed the response of a single metamolecule, we will now turn to the periodic
arrangement of the metamolecules in a metasurface. To this end, the tripod is attached to a
second planar rectangular origami nanostructure, that we will refer to as the baseplate in the
following. The periodicity of the metasurface is determined by the width and length of the
baseplate. The quasi-two-dimensional DNA origami baseplate used in this study was chosen as a
standardized component because it corresponds to typical dimensions of DNA origami objects
[60,61] resulting in a periodicity of ∼ 100 nm. We note that, in principle, other dimensions
can also be achieved using DNA origami, which should then lead to different periodicities and
altered scattering behavior. In general, the chiral response strength of the periodically arranged
scatterers should increase linearly with the scatterer density. At higher densities, however, the
lattice interaction increases, which makes a general estimation of the response difficult. Note that
this approach justifies the more complicated design of our plasmonic metamolecule compared
to other designs reported, as our design features three legs that can be bound stably to such a
baseplate. Furthermore, the usage of fully chiral plasmonic metamolecules as the basis of the
metasurface results in a metasurface which is inherently chiral. This is preferable to a more
simple arrangement of nanoparticles placed planar on the baseplates where the symmetry would
only be broken in the presence of a substrate. A representation of the resulting metasurface is
shown in Fig. 2(a).

The optical response of this metasurface at normal incidence was calculated using a finite
element solver using periodic boundary conditions. For this calculation, the substrate was
neglected as it would only mask the desired information. For a metasurface, the definition of the
CD given earlier makes little sense, as the transmission coefficient T replaces the cross-section σ.
Furthermore, we will only examine normal incidence in the following. Therefore, we turn to the
transmission CD, defined as TL−TR

TL+TR
, to quantify the chiral optical response of the structure [62].

Note that we will refer to the transmission CD as CD in the following for brevity.
The resulting spectra for a downwards propagating wave at normal incidence are shown in

Fig. 2(b). The transmission spectrum shows the average over both polarizations. Note that 1−T is
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Fig. 2. (a) Representation of the metasurface. The tripod is shown in blue, the baseplate
in white, and the gold nanoparticles in gold. The direction of the illumination is
indicated in black. (b) Optical response of the metasurface. The transmittance is shown
in blue and the transmission CD in red.

the illumination used later for the metasurface. Note, that while we fix the direction of incidence
to a single value, the outgoing waves are still averaged over the entire space when considering
the response of an individual metamolecule. This configuration, which is more reminiscent of
the setup of the metasurface instead of the orientation averaged CD, could have been further
optimized. However, differences in the predicted optimal geometry are minimal (see Fig. S1),
and the orientation average leads to a more fundamental property of the metamolecule.

The resulting spectra of the extinction cross-section and CD are shown in Fig. 1d in blue
and red, respectively. The extinction cross-section does only change quantitatively. The height
of the longitudinal peaks is reduced compared to the ensemble average because the average
included states in which the resonances of the rods were maximally excited. The change in the
CD spectrum appears more drastic. However, the qualitative behavior of the modes is retained.
The minima at 640 nm and 870 nm appear in both spectra but are much more pronounced in the
unaveraged spectrum and, therefore, overlay the double-peak structure between them. Note also
that the CD is three orders of magnitude greater when illuminated from this specific orientation.
This might be due to the orientation providing a high geometrical chirality.

3. Metasurface

Having discussed the response of a single metamolecule, we will now turn to the periodic
arrangement of the metamolecules in a metasurface. To this end, the tripod is attached to a
second planar rectangular origami nanostructure, that we will refer to as the baseplate in the
following. The periodicity of the metasurface is determined by the width and length of the
baseplate. The quasi-two-dimensional DNA origami baseplate used in this study was chosen
as a standardized component because it corresponds to typical dimensions of DNA origami
objects [60,61] resulting in a periodicity of∼ 100 nm. We note that, in principle, other dimensions
can also be achieved using DNA origami, which should then lead to different periodicities and
altered scattering behavior. In general, the chiral response strength of the periodically arranged
scatterers should increase linearly with the scatterer density. At higher densities, however, the
lattice interaction increases, which makes a general estimation of the response difficult. Note that
this approach justifies the more complicated design of our plasmonic metamolecule compared
to other designs reported, as our design features three legs that can be bound stably to such a
baseplate. Furthermore, the usage of fully chiral plasmonic metamolecules as the basis of the
metasurface results in a metasurface which is inherently chiral. This is preferable to a more
simple arrangement of nanoparticles placed planar on the baseplates where the symmetry would
only be broken in the presence of a substrate. A representation of the resulting metasurface is
shown in Fig. 2a.

Fig. 2. (a) Representation of the metasurface. The tripod is shown in blue, the baseplate in
white, and the gold nanoparticles in gold. The direction of the illumination is indicated in
black. (b) Optical response of the metasurface. The transmittance is shown in blue and the
transmission CD in red.

shown instead of T to improve readability. The transmission spectrum shown in blue is generally
close to unity. That can be easily explained by the rather low density of plasmonic scatterers.
This is a general restriction of our method. While a very high periodicity of structures can be
reached, the amount of plasmonic material is limited due to the DNA scaffolds being the main
part of the metamolecule. The transmission through such a metasurface will, therefore, always be
comparatively high. The four resonances in the spectrum can again, as for the metamolecule, be
connected to the resonances of the single nanorods, which is expected as the surface is composed
of the metamolecules.

The spectrum of the CD in red differs from the CD spectrum of the single metamolecule for a
specific illumination, shown in Fig. 1(d). As the incident wave is propagating in the −z-direction
in both cases, this difference can be explained by two reasons. On the one hand, the emerging
lattice interaction renormalizes the polarizabilities of the tripod ensemble. This causes a change
in the polarizability of the particle and, as such, causes a different optical response. On the
other hand, whereas previously we studied scattering for a fixed illumination into all possible
directions, the examination of a metasurfaces forces us to consider only the optical response into
a single direction. Since the current metasurface has a subwavelength period, only a zeroth-order
exists in the transmission that propagates in the same direction as the illumination. Both effects
cause a change in the response. Nevertheless, the position of the peaks in the CD spectrum is
still the same as before. The only change is that the peak at 800 nm, which is also visible in the
ensemble average in Fig. 1(c), is not overruled here by the minima that governed the spectrum
for a fixed illumination in Fig. 1(d). Of special interest is the bisignate line shape of the CD
spectrum at 600 nm which matches to the resonance of the 22 nm rod. This is characteristic for
a Born-Kuhn type systems [63]. Note that this line shape is already present in the response of
a single metamolecule in Figs. 1(c) and 1(d). The other bisignate line shape from 750 nm to
1000 nm is most likely the result of the interference of two Born-Kuhn type modes, one for each
rod.

While the CD achieved by our design is smaller than those achieved by top-down approaches in
similar spectral regions [64–66], our method can create much higher densities of metamolecules.
Therefore, with further improvements, the results of top-down approaches could be matched.
In addition, the scalability of self-assembly methods offers a clear advantage over top-down
methods. Furthermore, one needs to emphasize the modularity of our approach as an additional
advantage. With the design proposed here, both the baseplate and the metamolecule can be
modified or exchanged separately from each other, leading to a more simple adjustment of key
parameters.
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4. Experimental feasibility

Having explored the possible optimized structures that would be in reach with the considered
DNA-Nanotechnology, we would now like to present our assessment of experimental feasibility.
To this end, we will show the assembly of the tripod, the connection between the tripod and the
baseplate, and the assembly of a large ordered lattice out of the baseplates.

The design of the tripod is based on published results [67]. Each of the three legs comprises a
14-helix bundle in a honeycomb lattice. The connecting struts are 4-helix bundles in a square
lattice to adjust the tripod to the desired angle. The tripod has between 8 and 14 extensions out
of each leg, depending on the nanorod length designed to bind. Additionally, each leg has two
extensions to bind to the baseplate. The extensions are shown and discussed in more detail in Fig.
S2.

The tripod was assembled by folding a single-stranded DNA molecule, the commercially
available p8064 scaffold strand, with 234 staple strands. Successful folding was validated by
agarose gel electrophoresis (See Fig. S3a) and atomic force microscopy (AFM). An AFM image
of successfully fabricated tripods is shown in Fig. 3(a). The origami was assembled as designed,
with the three legs clearly visible. The distortions that appear for some tripods are most likely
artifacts from the tripod collapsing on the 2D mica surface during deposition for imaging.
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Fig. 3. AFM images of tripods (a), a tripod hybridized to a baseplate via Watson-Crick
base-pairing (b), and a lattice formed out of baseplates (c). The inlay shows a magnified
part of the lattice where the protein streptavidin was bound to the baseplates as a
topographical marker to visualize the rotation of the singular plates. The scalebar in
the inlay indicates 100 nm.

lattice to adjust the tripod to the desired angle. The tripod has between 8 and 14 extensions out
of each leg, depending on the nanorod length designed to bind. Additionally, each leg has two
extensions to bind to the baseplate. The extensions are shown and discussed in more detail in
Fig. S2.

The tripod was assembled by folding a single-stranded DNA molecule, the commercially
available p8064 scaffold strand, with 234 staple strands. Successful folding was validated by
agarose gel electrophoresis (See Fig. S3a) and atomic force microscopy (AFM). An AFM image
of successfully fabricated tripods is shown in Fig. 3a. The origami was assembled as designed,
with the three legs clearly visible. The distortions that appear for some tripods are most likely
artifacts from the tripod collapsing on the 2D mica surface during deposition for imaging.

With the tripod assembly demonstrated, we will now turn to the baseplate. The origami is a
modified version of a structure reported earlier [60,61]. It consists of a single 24-helix monolayer
and is, therefore, fully planar once adsorbed to mica. The modification consists of six extensions
to anchor the tripod, six biotinylated staples to bind streptavidin [60] to be used as a topographic
marker, and 14 extensions at the edge of the origami to bind the baseplates in a lattice. The
linking system is represented in Fig. S2. The baseplate is formed out of a p7560 scaffold and 238
staple strands. The origami was again characterized using agarose gel electrophoresis and AFM
(see Fig. S3) and formed as designed.

The connection of the tripod to the baseplate is vital to pass the order of the lattice of baseplates
onto the tripods and, therefore, to the plasmonic particles. This Watson-Crick hybridization is
performed by mixing the two origami structures at 37 ◦C to dissolve unspecific connections that
might arise from the other extensions in the design. The connection of the origami was analyzed
using AFM. One such successful hybrid structure is shown in Fig. 3b. The tripod with its thicker
legs appears more brightly in the image than the flat baseplate. Because the tripod is placed on
top of the baseplate, only the top half of the baseplate is clearly visible. The relative position of
the two origami to each other is as designed.

With this, the final step in creating a metasurface is the creation of the baseplate lattice. As the

Fig. 3. AFM images of tripods (a), a tripod hybridized to a baseplate via Watson-Crick
base-pairing (b), and a lattice formed out of baseplates (c). The inlay shows a magnified part
of the lattice where the protein streptavidin was bound to the baseplates as a topographical
marker to visualize the rotation of the singular plates. The scalebar in the inlay indicates
100 nm.

With the tripod assembly demonstrated, we will now turn to the baseplate. The origami is a
modified version of a structure reported earlier [60,61]. It consists of a single 24-helix monolayer
and is, therefore, fully planar once adsorbed to mica. The modification consists of six extensions
to anchor the tripod, six biotinylated staples to bind streptavidin [60] to be used as a topographic
marker, and 14 extensions at the edge of the origami to bind the baseplates in a lattice. The
linking system is represented in Fig. S2. The baseplate is formed out of a p7560 scaffold and
238 staple strands. The origami was again characterized using agarose gel electrophoresis and
AFM (see Fig. S3) and formed as designed.

The connection of the tripod to the baseplate is vital to pass the order of the lattice of baseplates
onto the tripods and, therefore, to the plasmonic particles. This Watson-Crick hybridization is
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performed by mixing the two origami structures at 37 ◦C to dissolve unspecific connections that
might arise from the other extensions in the design. The connection of the origami was analyzed
using AFM. One such successful hybrid structure is shown in Fig. 3(b). The tripod with its
thicker legs appears more brightly in the image than the flat baseplate. Because the tripod is
placed on top of the baseplate, only the top half of the baseplate is clearly visible. The relative
position of the two origami to each other is as designed.

With this, the final step in creating a metasurface is the creation of the baseplate lattice. As the
response of the metasurface depends on a uniform orientation of each baseplate, edge-specific
linking strands have to be used as primary binding force instead of close packing or blunt-end
stacking. To additionally discourage line defects, fully unique sequences with 10 binding base
pairs are used. The sequence length was carefully tailored to avoid aggregation during origami
formation while remaining long enough to bind the lattice together stably. Because of the
specificity of the strands, surface-assisted methods, where the lattice is formed after adsorption to
a 2D substrate, cannot be employed. This is because the baseplates can adsorb to the substrate in
two ways, directly leading to two competing lattices and reducing the overall quality of the lattice.
We, therefore, follow the route of forming the lattice in solution via slow thermal annealing,
similar to [42].

The baseplates are thermally annealed from 46 ◦C to 4 ◦C over 126 hours. A representative
lattice is shown in Fig. 3(c). The lattice shown is about 3.5 µm long and 1 µm wide with length
and width correlating with the shape of the baseplate. Lattices with up to 5 µm length were
observed (see Fig. S4a). However, the width was generally lower. This is expected, both because
of the aspect ratio of the baseplate and because there are fewer linkers along the long side of the
origami than on the short side.

The quality of the lattice is further examined by adding streptavidin to the formed lattice. The
streptavidin binds to the biotinylated staples placed at three of the four corners of the baseplate.
The asymmetric location allows us to discern the rotation of each baseplate. The binding is
facilitated using two staples per streptavidin to obtain a stronger binding, as shown in Fig. S2.

The additional height of the streptavidin molecules can be used as a topographic marker, seen
as three bright points on each baseplate in the zoomed-in inlay of Fig. 3(c). The inlay shows that
the lattice quality is very high, with no line faults or missing plates. The small defects observed
in the inset on some base plates are most likely an artifact due to the mechanical stress caused by
the repeated imaging with the AFM tip, and can, therefore, be ignored as they are not inherent to
the production process.

All plates with full streptavidin occupancy are oriented the same way. As the binding rate is
not 100%, the orientation is unclear for some baseplates. However, there is no baseplate with
streptavidin in the top right-hand corner, which would indicate the other rotation. The orientation
and quality of the lattice are retained over much larger distances than shown here, compare Fig.
S4b.

5. Conclusion

Chiral metasurfaces are an active area of research. However, most approaches would face serious
problems with eventual applications due to their low scalability.

In this paper, we have proposed a chiral plasmonic metasurface assembled by DNA origami,
which, as a self-assembly method, shows high scalability. This was done by combining the
abilities of DNA origami to form complex metamolecules and well-ordered lattices.

We proposed a DNA origami tripod decorated with gold nanorods as a chiral metamolecule,
and we optimized the size of the nanoparticles regarding the simulated CD of the metamolecule in
solution. We then simulated the optical response of the tripod arranged in a regular metasurface
with a periodicity of ∼100 nm. Our results indicate a low hybridization between the plasmonic
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particles. This results in a smaller CD than realized with other methods. However, due to the
high density of metamolecules, our approach can potentially match these results.

Additionally, we investigated the feasibility of our proposed method by performing key steps
of the fabrication process. We showed the successful formation of the two DNA origami, that
form the scaffold for the plasmonic particles. The first origami is a tripod, which is needed to
form the chiral plasmonic metamolecule. The second origami is a rectangular baseplate that can
be assembled into a large regular lattice using linking strands. We achieved high-quality lattices
on a micrometer scale, with up to 5 µm along one dimension. Lastly, we showed the possibility
of hybridizing the tripod to the baseplate, thus enabling us to transfer the order of the lattice to
the chiral metamolecule.

The final step in the formation of a chiral plasmonic metasurface involves the decoration of the
tripod with gold nanoparticles. Based on literature work [67–69], this should be experimentally
feasible, as the sequence design of the DNA linker strands should ensure a sufficiently high
specificity for the selective linkage of the components. Although initial investigations into
the assembly of the components showed that the decoration of the origami tripod with gold
nanoparticles works in principle (Fig. S5), there were major problems with the aggregation of the
particulate components in particular, which could not be solved either by extensive variation of
annealing time and temperature or by adding detergents or carrying out intermediate purification
steps. We suspect that the physico-chemical stability of the DNA-modified gold particles, in
particular, is the cause of the problems. Therefore, this study suggests that there is still a great
need for research and development of robust metallic nanoparticles before such bottom-up
approaches can be used for routine processes. While this would be the main challenge for future
investigations, it might also be worthwhile to first reinvestigate the tripod as the scaffold of the
chiral plasmonic metamolecule. By placing the gold nanoparticles closer together, stronger
interactions and, thus, stronger CD values could be reached. However, this would require either
redesigning the tripod or switching to a different origami altogether.

While there remain open questions, we have shown the feasibility of assembling chiral
plasmonic metasurface by DNA origami, a method that, due to its scalability and modularity, is
particularly geared towards eventual applications.
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