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Harnessing chemistry for plant-like machines:
from soft robotics to energy harvesting in
the phytosphere
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Nature, especially plants, can inspire scientists and engineers in the development of bioinspired
machines able to adapt and interact with complex unstructured environments. Advances in
manufacturing techniques, such as 3D printing, have expanded the range of materials and structures
that can be fabricated, enabling better adaptation to specific applications and closer mimicking of
natural systems. Furthermore, biohybrid systems—integrating plant-based or living materials—are getting
attention for their ability to introduce functionalities not possible with purely synthetic materials. This
joint feature article reviews and highlights recent works of two groups in microfabrication and plant-
inspired robotics as well as plant-hybrid systems for energy conversion with applications in soft robotics

rsc.li/chemcomm

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

“ Cluster of Excellence livMatS@FIT - Freiburg Center for Interactive Materials and
Bioinspired Technologies, University of Freiburg, Georges-Kohler-Allee 105, D-
79110, Freiburg, Germany. E-mail: isabella.fiorello@livmats.uni-freiburg.de

b Surface Phenomena and Integrated Systems, The BioRobotics Institute, Scuola
Superiore Sant’Anna, Via C. Maffi 27, 56126, Pisa, Italy.

E-mail: fabian. meder@santannapisa.it

Open Access Article. Published on 03 April 2025. Downloaded on 6/28/2026 7:46:41 AM.

(cc)

Dr Isabella Fiorello is a Junior
Group Leader at the Cluster of
Excellence Living, Adaptive, and
Energy-autonomous  Materials
Systems of the University of
Freiburg, where she leads the
Biohybrid Machines group. Since
October 2023, she has also been a
Fulbright Researcher at Caltech
in Pasadena. She obtained her
Master’s Degree in Industrial
Biotechnology  (with  honors)
from the University of Turin in
2017 and her PhD in Biorobotics
(with honors) from Scuola Superiore Sant’Anna in 2021. From 2021
to 2023, she was a Postdoc at the Italian Institute of Technology.
Her research focuses on biologically-inspired microfabricated living
materials for soft robotics.

Isabella Fiorello

6246 | Chem. Commun., 2025, 61, 6246-6259

to environmental sensing, reforestation, and autonomous drug-delivery in plant tissue.

1. Materials that drive plant-hybrid and
plant-inspired machines

Nature serves as a source of inspiration for scientists and
engineers, but it is often also the matrix with which technology
interacts with, especially when devices like robots and sensor
networks should fulfil tasks in nature. Whenever technology
should interact with natural ecosystems, nature- and bioin-
spired solutions to develop the materials and functions of the
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systems are advantageous. Organisms often survive by utilizing
specialized materials, an important strategy especially for
plants, as they must rely on whatever resources are immediately
available in their environment. Despite, and indeed because of,
the vast disparity between what plants can create from funda-
mental precursors such as CO,, ions, and water, and what
engineers and scientists can currently achieve even with the
most advanced synthetic methods, we can still draw inspiration
from nature’s sustainable strategies for actuation, sensing, and
energy harvesting'—all crucial elements in developing more
sustainable robots. To create functionality in artificial technol-
ogy by mimicking nature” requires thus to include functional
materials. Yet, the materials choice that scientists have is often
a function of available precursors together with adequate
manufacturing techniques that allow to fabricate and mimic
the desired structures in complex technologies like robots and
machines. Recently, the materials that can be fabricated for
example by 3D printing technologies increased significantly.**
This gives opportunities to better adapt components to the
application but also to better mimic natural structures. On the
other hand, biohybrid systems combining directly bioderived
materials or even living organisms in the devices have
increased interest as this can add functionality that would
not be possible to easily generate in solely through artificial
matter.”

Recently, various reviews have explored plants as inspiration
for developing soft machines and robots,”” focusing on the
morphology, biomechanics, and adhesive mechanisms of
climbing plants and their biomimetic potential,* ' the disper-
sal mechanisms of plant seeds,'"’ and the bioengineering
approaches used to study plants and develop growing
robots.'?

Differently from other articles, this joint feature article
highlights the developments of two research groups focussing
on approaches based on plant-bioinspiration and plant-hybrid
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systems ranging from soft robotics, to sensing and energy
harvesting directly in the plant tissue. The work will be featured
in the context of works from other groups without being a
comprehensive review.

Key highlights of this article include:

1. Showcasing the latest developments in bioinspired soft
robotics for the phytosphere, with a focus on plantlike
machines and related manufacturing processes and materials
by Fiorello et al.

2. Exploring advancements in energy harvesting within the
phytosphere, including spontaneous charging on leaves and
materials for harnessing wind and rain energy, along with
associated challenges by Meder et al.

3. Examining the progress and challenges of biohybrid
approaches and discussing prospects for these innovative
small-scale machines.

2. Bioinspired soft robots for the
phytosphere

Over the past five decades, ecosystem health has declined
at an alarming rate, with nearly 70% of the planet’s biodi-
versity lost."® The phytosphere plays a crucial role in ecosystem
health, by supporting nutrient cycling, soil structure, and
biodiversity.'* Bioinspired soft robots in the phytosphere could
help to monitor these dynamics, promoting sustainable agri-
culture and environmental conservation."> These robots need
to be adapted to unpredictable and complex real-world unstruc-
tured environments, fostering nature conservation.***®

In the last decades, various soft robots have been developed
by mimicking the biological features of animals and plants'”"*®
including artificial structures and materials and directly
organism-derived materials (dead or living) in biohybrid
systems.
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Examples of animal models in robotics include the
caterpillar,ig’20 octopus,21’22 crabs,”® worms,***® snakes,>®
geckos,?” fish,?*3° and insects.**?> However, in the recent
years, plants have emerged as a crucial model especially for
designing self-adaptive and/or miniaturized robots.®'> The
most studied plant models in robotics include climbing
plants,**>° carnivorous plants,’” and a series of self-drilling
seeds*®*® and/or fruits,*® and flying®*™** seeds.’**%39*%> One
promising direction in advancing these bioinspired systems is
the development of multimodal designs that can significantly
enhance robotic versatility and adaptability to complex
environments.*® There is no general design approach, and
the robots have been prototyped using various manufacturing
techniques and materials processing at different length scales,
with various materials. Over the last years, we have developed
microfabrication techniques that enable precise fabrication,
and we highlight here our examples of plant-inspired robots
and related manufacturing and material process in Table 1. The
different prototypes are described in detail below.

2.1. 3D fabrication of plant-like machines

Three-dimensional (3D) printing technology plays a key role in
the fabrication of miniature bioinspired machines, as it allows
to produce complex 3D structures at different scales. In order to
mimic plant-structures, often microscale precision is required
as functional components in plant tissue range from sub-cell-
scale to macroscales. We use additive manufacturing techni-
ques with capability to fabricate miniaturized materials and
composites. Among the different powders, inks, or resins based
3D printing techniques,® ™’ two-photon polymerization (2PP)
is particularly powerful and versatile technology,® to fabricate
micro/nanotructures from photosensitive materials, including
both rigid and soft types.>® Recently, Fiorello et al. integrated
3D reconstruction through X-ray microcomputed tomography
(Micro-CT) to obtain morphological data of the biological
structures with micromanufacturing techniques such as two-
photon lithography, molding, and casting using biodegradable
materials to create biohybrid machines inspired by wild oat
fruits (HybriBots).** HybriBot combines actuation of oat fruits
using plant-derived materials with engineered 2PP-printed seed
capsules that can adapt to environmental changes by navigat-
ing soil irregularities and digging into the soil, mimicking the
dispersal movements and biomechanical performance of nat-
ural fruits. It achieves comparable capsule drag forces of
up to ~0.38 N and awn torque of up to ~100 mN mm *
(Fig. 1(f)-(i)). Moreover, the authors could functionalize the
capsule of HybriBots with fertilizers and/or other seeds, open-
ing potential applications for reforestation and precision agri-
culture (Fig. 1(f)-(i)).

Another work of the authors introduces the micromanufac-
turing via two-photon lithography of climbing plant-like min-
iaturized micropatterned machines with microhooks for
reversible attachment. Again, inspiration of the leaf microstruc-
tures was taken by extracting morphology of microhooks
exposed on the organs of G. aperine. The resulting micropat-
terned surface can be used in machines to attach strongly and
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reversibly over various micro-rough natural and artificial sur-
faces (including fabrics,*® skin tissues,® and leaf tissues®**’),
by reaching shear locking forces up to 14 N cm 2 (Fig. 1(c)).
This plant-inspired material systems have been successfully
applied to climbing robots, controllable manipulators,®® leaf
sensors for in situ monitoring,*® and even leaf patches for drug
delivery into leaf vascular tissues® (Fig. 1(e)) as described later
in detail. This demonstrates potential for achieving new tools
in soft robotics and for precision agriculture, that may fulfil
tasks in the preservation of our environments and the
phytosphere.

Although 2PP printing enables highest precision, also other
techniques like digital light processing (DLP), polyjet, direct ink
writing, fused deposition modelling, or moulding techniques
can be sued to mimic plant functions in robotic systems. The
resulting materials need to be compatible with the environ-
ment and interact with it specifically, e.g., interactions with
ambient humidity or sunlight for actuation.

Fabrication methods and material choices played a crucial
role in replicating dynamic, bioinspired behaviors. Light-curing
3D printing (DLP) used thermosensitive polymers with tunable
memory effects—achieved by controlling printing temperature
and layer height—to mimic the deformable petals and curling
of natural organisms.®° Polyjet technology’s ability to print both
flexible and rigid materials in full color enabled the creation
of hydrogel-elastomer composites that transformed from
circular to star shapes, replicating cactus-like structures and
achieving responsive motion under environmental cues.’’
Direct Ink Writing (DIW), suitable for soft materials and low-
temperature deposition, allowed the production of lightweight,
porous cellulose acetate structures resembling Tragopogon
fruit,"* enabling prolonged airborne suspension and environ-
mental monitoring. Finally, Fused Deposition Modeling (FDM)
facilitated the fabrication of pinecone-inspired PEEK robots
with gradient crystal structures and surface roughness, leading
to reversible, solvent-responsive deformations and robust
mechanical performance.>® In each case, careful material selec-
tion and printing parameters were key to reproducing the
adaptive, responsive functions found in nature. Yet, new
approaches are required to enhance the adaptability of materi-
als, enabling functionalities such as controlled biodegradabil-
ity, electrical conductivity, and programmability. Current works
on biodegradable electronics are contributing to this issue and
lack of functional materials, and can be used to prototype
sustainable biodegradable fully-integrated robots, or to control
the robot lifetime.**"*

2.2. Chemistry of materials for plant-like machines

The selection of materials is a central factor in the development
of plant-like machines. To achieve flexible movement and
adaptive properties that mimic nature, these materials often
have unique physicochemical properties such as environmental
and stimuli responsiveness, programmability, durability, and
high elasticity.*"**® Carefully selecting precursors and inte-
grating them with 3D printing technology is the key to obtain
plant-inspired and plant-like behaviours.

This journal is © The Royal Society of Chemistry 2025
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Fig. 1 Highlighted works of plant-inspired and/or hybrid machines by the authors. (a)-(e) Micropatterned machines inspired by the ratchet-like
attachment mechanisms of the hook-climber Galium aparine. These include: (a) and (b) scanning electron microscope (SEM) images of microhooks as
arrays (a) and in a single-hook configuration (b); (c) a typical plot of the shear adhesion forces generated by the microhooks on a polyester substrate
during measurements in the locking direction; (d) schematic and images of a mobile device without (top) and with (bottom) microhooks climbing on
tested rough surfaces, such as artificial skin; [a—d adapted from ref. 35] (e) microhook-based patches for drug delivery into plant vascular tissues,
successfully tested for injecting fluorescein molecules into the leaves of Vitis lambrusca. Adapted from ref. 33 (f)—(i) Biohybrid machines inspired by the
self-dispersing fruits of Avena sterilis (HybriBots). (f) A photograph of a HybriBot moving on and within complex soil surfaces; (g), (h) biomechanical
characterizations of natural fruits and HybriBots, focusing on capsule drag forces (g) and awn torque (h); (i) successful application of HybriBots for
reforestation, demonstrating the germination of tomato seeds from the artificial capsules of the robots. [f-i adapted from ref. 44]. All scale bars are
reported in the figure.

Photosensitive resins are essential for 2PP 3D printing, for ~we used isomalt with embedded fluorescein molecules to cast
example, we recently mimicked the ratchet-like attachment 2PP-printed and PDMS replicated molds and fabricate micro-
mechanism of Galium aparine by utilizing 2PP (see Section patterned hooks that first interlock with biological tissue and
2.1). One method involves directly printing micropatterned subsequently dissolve as a proof-of-concept for in situ drug
hook-like rigid structures using IP-S photoresists on a flexible delivery applications into plant vascular tissues.

Mylar®™ sheet as a substrate. The resulting flexible micropat- As anticipated above, we have exploited 2PP also to proto-
terned materials could be precisely cut (e.g., via laser cutting) type our HybriBots. Using Micro-CT, we created a detailed 3D
and subsequently integrated into climbing miniaturized reconstruction of the Avena sterilis L. capsule, which guided the
robots, leaf-walking robots, or sensors (Fig. 1(a)-(d)). Another design of two complementary miniaturized molds fabricated
method involves directly printing micropatterned wheels and/ via 2PP using the IP-Q photoresist. After casting and coating, we
or robotic mechanical components with plant-like organs such  developed biohybrid machines consisting of a biodegradable,
as microhooks using photoresists like IP-Q on a rigid silicon edible capsule made from flour-based material, coated with
wafer substrate. natural hairs of Avena sterilis L., and equipped with two

Furthermore, by combining 2PP with PDMS micromolding humidity-driven natural sister awns connected to the capsule.
and casting favorable materials, we demonstrated the feasibil-
ity of prototyping soluble, biodegradable, and/or flexible plant-
like machines with microhooks or spines. For instance, we cast 3. Soft materials for energy ha rvesting
a composite of polycaprolactone and embedded gold nanorods in the phytOSph ere
in a PDMS mold obtained from replicating 2PP-printed plant-
like microhooks to create micropatterned materials achieving The question of energy autonomy and potential power sources
tuneable stiffness via untethered and controllable plasmonic for the machines, sensors, and data communication becomes
heating-induced phase changes in the polymer. Additionally, especially critical when deploying devices and robots in
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environments far from a power grid like plant-dominated
ecosystems.®®®® In other words, how could robots harness
energy when operating and collecting data in the canopy of a
forest or in a grass blade-crowded meadow? How could devices
be recharged in such an environment? Several new actuation
strategies of small-scale robots have been developed®® " in the
last years based on integrated chemical or physical energy
sources and energy conversion mechanisms’>”* using environ-
mental energy sources such as light,”>”® humidity,”*®* and
temperature changes.®® Instead, data collection, sensing, or
even computing yet typically requires electricity. Harvesting
electrical energy from the direct environment is an approach
that could help in satisfying these energy needs. Sustainable
solutions could come from plant-derived materials®* and those
intrinsically available in the environment, for example those
externally exposed on living plant surfaces (the phytosphere).®®
Our research in the last years showed that the structures
and materials on the outer plant surface and especially in
the epicuticular region, could excellently be exploited for
mechanical-to-electrical energy conversion through solid-solid
and liquid-solid contact electrification.*®*'**#38¢ The proto-
types are highlighted in Table 1. Featuring our technology
requires a deeper look into the intrinsic properties of the outer
surface of plants and especially leaves. The surface structure of
leaves is unique, comprising not only physiological elements
like well-known stomata but also precisely tuned polymers and
per se chemically fascinating components. Above the epidermis
cells, the leaf cuticle establishes the surface layer as depicted in
Fig. 2(a). It is a composite consisting of a hierarchical polyester
network made of cutan and/or cutin, a C16—-C18 hydroxy and
epoxy fatty acid, incorporating polysaccharides like pectin or
cellulose, and different waxes.®” The top, outermost surface is
typically a layer of epicuticular waxes, with different long-chain
aliphatic and cyclic compounds like hydrocarbons and func-
tional groups like -OH, -COOR, ~CHO, carbonyl groups.®®
The epicuticular waxes are directly interacting with the air
environment. The exact composition can vary significantly
between plant species and the epicuticular wax layer can be
more or less dense and essentially contributes to well-known
mechanisms like self-cleaning, super-hydrophobicity and the
Lotus effect.’®®" Especially the epicuticular waxes and their
structure have a significant impact on the development of
spontaneous electrical charges on the surface upon contact
with solid materials and leaves - through contact or triboelec-
trification as our results show.**® While triboelectric charging
appears on most materials,’” it is surprising that the charge
formation is significantly affected by the epicuticular wax
composition and especially structure. Indeed, several research-
ers try to copy leaf’s wax structures to enhance artificial energy
harvesters like triboelectric nanogenerators.”*°° Another
important factor is, that the cellular tissue under the purely
polymeric cuticle is ion-conductive consisting of water and
ions.®® It can hence be used as electrode to analyse and harvest
the charges (schematized in Fig. 2(a)). We showed that remov-
ing the cuticle from leaves strongly reduces the voltage
measured in the plant tissue versus ground and thus the
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charging (Fig. 2(b)). Using an artificial polyimide layer as
“artificial cuticle” increased charging again but did not reach
original levels with the pristine cuticle, although polyimides are
known to cause high charging in artificial triboelectric
nanogenerators.®® Pristine plant leaves have been used in
various solid-solid and liquid-solid triboelectric nanogenera-
tors (TENGs) leading to voltage and power outputs of >200
Volts and >5 pA per single leaf?®*9°1:8%190105 and modified
plants have been used for energy storage.

We made interesting observations in epicuticular charging
when measuring the charge as function of cuticle composition
and wax layer structure when water droplets hit the leaf
surface.’® We used a model of two plants from the family
Araceae that have a similar leaf structure and tissue impedance
but with totally different surface wax coating densities. We
observed first that both leaves develop surface charges when
droplets hit the surface. However, leaves with a less dense wax
layer of A. macrorrhiza became less charged (Fig. 2(c)). This
could be due to two effects, one could simply be that wax
crystals are the charging sites, for example their tips, and fewer
wax crystals lead to fewer effective sites for contact electrifica-
tion. Another role, could also play a remaining water layer that
could compensate charges, enhance charge dissipation, or
hinder intrinsic charge formation. Instead on superhydropho-
bic leaves of C. antiquorum, the current peaks measured in the
tissue were 10-100 times higher confirming increased
charging.®® This could be due to the complex chemical compo-
sition and the nanoscale structure. Thus, we performed an
experiment in which we maintained the surface chemistry and
changed the overall surface structure by a gentle thermal
treatment, that melted and flattened the wax layer but did
not affect the general composition as confirmed by infrared
spectroscopy.®°

Charging decreased by a factor of 10 when melting the wax
structure although it did not reach the lower values of the
hydrophilic leaves of A macrorrhiza. Due to melting and
flattening the wax layer, also a change in the contact angle
was expectedly caused from 150° to 80° which could again lead
to a more significant remaining water layer affecting the
charging.®® While this needs to be further clarified in detail
in ongoing work, the experiment showed that both, chemistry
and but especially also the wax structure affect charging
significantly.

106,107

3.1. Collecting and harvesting charges in the phytosphere -
wind energy harvesting

Confirming that charging on leaves surfaces can be significant,
one needs to try to find modes to harvest and collect the energy.
Our first inspiration came not from plants but from artificial
triboelectric nanogenerators where energy conversion happens
due to a reoccurring contact and separation motion.***1° yet,
we wanted to exploit the leaf surface and harvesting in the
tissue acting as electrode in order to make use of the passive
motion of leaves fluttering in wind as energy source. To address
the latter, we developed artificial leaves (Fig. 2(d)) that can be
individually installed on the plant leaf to create effective

Chem. Commun., 2025, 61, 6246-6259 | 6253


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d4cc06661h

Open Access Article. Published on 03 April 2025. Downloaded on 6/28/2026 7:46:41 AM.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

View Article Online

ChemComm Feature Article

A — B 100 Smm c
I Outermost leaf structure | cl:z[]g;:gn&l % @ @ @ @ %

- Surface =BT o
Epicuticular wax crystals charges 2 oy
i CC) B o
£ e

i <
§ Cuticle proper 8, " o

E Cuticle layer %

§ > o1

Pristine  Cuticle Cuticle Artificial

Polysaccharides

Cell wall cuticle removed removed, Pl cuticle
dried
Epid . " epldr:?rmrs 0 10 20 10 20
pidermis ce Time (s) Time (s)
-
I H—Si— CH CHymmmeee,
Mechanismof leaf-based E ?H“ ?"’.— ------ : LHsi—cHs mo—slllo—sln "fg_gzL [
triboelectric generator MO—Sli—O—SIﬁ;g:CHz:+ ? - -av 1 _E'I h s' '_?::"_‘
¢ — PET CHy  CHy—===" U hc-siin § CAt oMy oHiM___i ofTilons oy
3 ® ® ® o L i
s:_ © Silicone : (;)' ______ :c”) 1
E ® 0@ Cuticle Compound A Compound B PDMS 3D network
5 © © © Tissue
© ® OElectiode™’ F
Adaxial surface & cuticle
= S S [
Cable connector - Cellular tissue
m'm. Abaxial surface & cuticle
w oy
>+ Plant attach- ”\ £ )
=il . t syst &
ixati i G|, 2 oem © % 4 038
Fixation at petiole ITO, 0.05 pm S5 e} $ 1 |0
s e Silicone rubber, 500 pm B = X
Positioning of concentrated mass =1 l ° 06 3
510 o o )
G ind + dropl £ S e 04 3
win rop et S5 .‘ > Leaf ncoues ST AR STM
' 50, © ° \ 02 K1 330
) & Leaf, K&
) o e ® oated
40, Lsh 0
‘ 105 107 10° 10° 10"

Re-

Parameters in the loop

N
(=3

p

T
|
|
I
(
i

30 {
i
i
i

W

i
it

]

)
)
)
)
|
|
1

=3

Surface chemistry,
hydrophobicity, patterns &
structures

Voltage (V)

;}:" \ @ PET @ Silicone

=)

|
1158
Wi

T
|
|
|
|
i
{
{
i
|
i
i
i
i
|
|
|
¥
y
f
i
'
|
|
|
L

| Wind b 200w Fep @ ITO
-20-Wind i + Rain iWind | Wind Tape s"'(\i.one Back bone & side chains
i Rain i(wet leaf). (dry leaf) sealing Bulk environmental
300 20‘ 40 60 * 80 1‘00 120 and degradability
Time (s) Electrode ctivity, translucency,

elasticity
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tuned artificial materials as a platform to convert mechanical energy into electrical charges. (b) the effect of the cuticle on the voltage amplitude
generated in a Sedum makinoi leaf upon contact with silicone rubber: removing the cuticle decreases the generated voltage, adding an artificial
polyimide cuticle largely recovers the energy conversion capability showing the crucial contribution of the outermost plant surface on the energy
conversion mechanism. Adapted from ref. 85. (c) Current signals measured when water droplets hit the leaf surface. On superhydrophobic leaves of
C. antiquorum (right) the current peaks are two magnitudes higher than those on A. macrorrhiza (left) likely due to the different epicuticular wax layers
shown in the SEM images above (scale bars in the insets showing photos of the leaves are 10 cm). Adapted from ref. 86. (d) artificial leaves for plant-hybrid
wind energy harvesting exploiting contact electrification on the leaf surface and on the artificial leaves that are installed on the plant leaf and create
energy converting contact-and-release motion together with the plant leaf in wind producing sufficient electricity to power LEDs and wireless sensors
platforms. Adapted from ref. 50. (e) molecular structure of silicone PDMS, one of the materials that create strong contact electrification with leaf surfaces.
Adapted from ref. 89. (f) Microscopy image of silicone-based leaf coatings that can convert the contact between fluttering leaves into electricity, power
output of an uncoated leaf in repeated contact with a coated leaf, and circuitry for energy harvesting and powering the depicted wireless sensor. Adapted
from ref. 51. (g) Upgraded artificial leaf for plant-hybrid wind and rain energy harvesting. The wind-energy harvesting structure is upgraded on the surface
for converting droplet impact into electricity. Voltage peaks under different conditions are shown and an image of a droplet landing on the leaf. Adapted
from ref. 52. (h) Material parameters that can be tailored through their chemistry to improve the artificial leaf and tune its energy conversion efficiency
and power output. The blue pill-shaped boxes in (c), (d), (f), and (g) indicate which mechanical energy source is converted into electricity by the plant-
hybrid systems.

f 48-50

contact and separation motion together with the plant lea highest charging,® even higher than fluorinated polymers like

These artificial leaves need to be coated with a material that
enhances contact electrification with the leaf surface and the
epicuticular waxes. The well-known material dependency of
contact electrification and the triboelectric series helps to select
appropriate materials but empirical tests are necessary espe-
cially when complex materials like leaves are tested. We
thus exposed the leaves to a series of materials following the
triboelectric series and found that especially silicones lead to

6254 | Chem. Commun., 2025, 61, 6246-6259

PTFE often performing best in artificial TENGs, when tested
under same impact force. This is on the one hand due to the
specific surface structure of silicones as shown in Fig. 2(d). The
polar Si-O bonds in the backbone, combined with the carbon
components, its dielectric and hydrophobic properties®®
could stabilize charged states. In addition, also to the sticky
fragile nature that could break up matter on the leaf and
silicone surface. Moreover, the elastic deformation could help
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in increasing effective contact area for charging on the micro-
scale compared to more rigid materials.*® The charging mecha-
nism could not be clarified yet in detail, also due to the complex
composition of leaf surface, and further investigations are
necessary. Which materials are best for energy harvesting is
still a major question on artificial TENGS, especially when
questions like biodegradability and avoidance of problematic
fluorinated polymers should be addressed.'**'® Despite that,
we focussed our investigations on silicone as excellent material
with advantages for plant-hybrid technology due to its softness
(— it does not damage the tissue during mechanical contacts
tissue) and its transparency (— to not affect photosynthesis).
Moreover, our artificial leaves are lightweight (~3 g) to avoid
damages by the weight of the device."'” To further assess the
effect of artificial materials like silicones on leaves, we con-
ducted a one-year experiment with a Ficus plant, where we
coated all its leaves on the top with a silicone elastomer film.
Over this period, we monitored transpiration and growth and
observed no visible damage.>" We exposed hybrid plants con-
sisting of plants and artificial leaves to different wind speeds
and directions under well-controlled conditions in a phyto-
chamber with controlled wind speed, humidity, temperature
and light and observed the power output varying the para-
meters, especially wind speed with a focus on low wind speeds
(below 5 m s ').**° Moreover, we tested how to avoid the
artificial leaf and directly coat leaves with a thin silicone layer
(Fig. 2(f)).>" These approaches resulted in significant power
generation, that is wind speed-dependent, affected by external
conditions like humidity (causing a reversible decay of charge
generation), and by the mechanical and aeroelastic behaviour
of the artificial components while interacting with the leaves.
Importantly, energy harvesting using the phytosphere directly
for energy conversion, does not require complex materials, as
mentioned, only a silicone layer and a transparent electrode
are sufficient. The peak power generated so far reaches up to
17 uW cm 2 and is sufficient to directly power LEDs (100 with a
single leaf). For energy storage, capacitors are used, or the
charges generated are directly used to power LEDs, digital
meters, or act as sensor signal. Moreover, we showed recently
that only 8 artificial leaves can repeatedly power an environ-
mental humidity and temperature sensor including 868 MHz
wireless data transmission autonomously over several days with
data transmission intervals of ~40 min and an RMS power of
6 & 0.6 UW at a wind speed of 3.3 m s~ ".*>>' Considering that
the 8 leaves have a total apparent surface area of ~0.03 m?, the
RMS power normalized for the area is ~200 pW m 2. This is an
output similar to recent low-wind artificial triboelectric and
piezoelectric wind harvesters.'*®*'° A further comparison of the
power output of plant-hybrid energy harvesters with other
energy harvesters and the energy consumption of electronics
can be found in the articles.**>"
Yet, improvements in the
surface micro-nanostructuring,
mechanical behavior as also forecasted by our models
describing the elastic deformation under a wind load, show
that further improvements can be achieved addressing this

materials ranging from

surface chemistry, to the
117
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multidisciplinary aspects in addition to selecting the best plant
species. Another approach that we did already to improve the
output is implementing multisource energy harvesting by add-
ing the capability to convert other energy sources in addition to
wind by the plant hybrid systems.

3.2. Adding additional energy sources - multisource energy
harvesting through materials and plant-hybrid systems

In addition, to the wind energy harvesting described in detail
in the previous section, other energy sources can be harvested
as well. As seen mentioned before, charges can be generated
by droplets and this has been particularly shown on
artificial materials based on fluorinated polymers like FEP and
PTFE."%'*! The currents that we observed in the superhydro-
phobic leaves after droplet impact were too small to be used for
energy harvesting but artificial materials can enhance
charge formation when water droplets interact with surfaces.
This has been extensively presented with different fluorinated
polymers'®* which enabled significant energy harvesting from
surface charging during interactions with single droplets and
exploiting surface electrodes that contact the droplets.’*'*!
Based on these results, we could implement a surface structure
on our artificial leaf to establish and equip it with the function
of rain drop energy harvesting in addition to wind energy
harvesting.”” It was required to add a FEP layer on top of the
PET layer and ITO surface electrodes on top of the FEP layer as
depicted in Fig. 2(g). Together with the central electrode also
used during wind energy harvesting, the droplet spreading on
the FEP surface creates charges but also connects to the surface
electrode changing its area and the device was capable to create
charges leading to 40 V and 100 pW peaks from single water
drops landing on the upper artificial leaf surface whereas the
lower silicone surface generated charges from the impact with
the plant leaf.”> This does not only allow to use two energy
sources but the possibility to harvest energy from rain drops
compensates the typical decrease of energy output of solid-
solid triboelectrification in high humidity leading to charge
dissipation. Although this is reversible when the surfaces
dry,*®*° the additional droplet energy hatvesting in one device
helps to increase and maintain the power output with little
additional materials.

We also observed that a third energy source can be harvested
by the plant tissue without significant modification, that is
radio frequency (RF) radiation when the plant is connected as a
receiving Marconi antenna to the energy harvesting circuits and
a ground connection provides the potential difference.”’ Here,
the fact that the plant tissue is an ionic conductor acting as a
“water or ionic antenna” is used and the ion current oscillates
in the tissue when exposed to RF radiation.'?****> Combining
these intrinsic properties with further tissue modification by
100 um thin silicone coatings on the leaf surface, allowed to
connect two ivy or Ficus plants in a way that uncoated leaves
touch silicone-coated leaves when moving in the wind and this
allows harvesting wind energy without installing artificial
leaves.” The RF and wind energy harvesting mode can be used
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simultaneously increasing the overall power output and
enabling to power a wireless sensor node from RF and wind.

One of the key factors affecting the energy harvesting are the
materials as they determine functionality from charge for-
mation, to the aeroelastic properties and the effective contact
area for charge formation. Moreover, the biodegradability and
interactions of the artificial components with the plant ecosys-
tem is an important aspect to address in the future. Achieving
biodegradable artificial leaves for energy harvesting by tribo-
electric effects depends on suitable biodegradable materials
that can generate sufficient charges, in quantities comparable
to those generated on silicones or fluorinated polymers. The
combination of efficient charge generation and on-demand
environmental biodegradability remains a challenge that
requires further research. Thus, tuning materials through their
surface and bulk chemistry will be the key tool to expand energy
harvesting capability of the systems and their application as
autonomous micro power sources. Fig. 2(h) summarizes the
design loop that the artificial leaves may go through for further
improving their capabilities combining synthesis, and testing,
as well as predictions through modelling e.g., the mechanical
properties of the composite materials. Further testing requires
also evaluating the effects of the environment like changing
weather conditions, frost, heat, dust, and changes in materials
and plants over time under outdoor conditions are general
aspects that need further understanding.

4. Advantages and challenges of a
biohybrid approach

4.1. Advantages of a biohybrid approach

As demonstrated in our examples above, the perceived limita-
tions of using plant-derived materials or even living plants in
robotics, energy harvesting, and sensing can instead lead to
significant advantages.

A clear advantage of learning to utilize materials intrinsically
present in the environment for technical purposes such as
energy harvesting or actuation is the reduction of the need to
introduce entirely artificial systems into an ecosystem. For
example, using the plant as a half electrode of a TENG reduces
the need for an artificial material by at least 50% (or more using
the leaf coatings presented above). Another example is the
reuse of actuation mechanisms developed by plant fruits and
seeds in a small-scale robot like the HybriBot: this approach
reduces the need to manufacture artificial actuators at that
scale, which can be challenging. This is especially important
when plant-like functions should be accomplished by artificial
and robotic systems, like seed dispersal. To this purpose, we
have recently shown the first example of hybrid sustainable
self-dispersing machine inspired by wild oat fruits, which use
dead plant tissues as biological actuator and made with 100%
biodegradable materials.** This approach can lead to a new
concept of “biohybrid robot”” and can potentially be exploited
for many other plant-like machines inspired by seeds and fruits
that can autonomously adapt to complex multi-environments.
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Second crucial advantage is that those materials that are
directly derived from the living plant, usually do not harm the
environment and ecosystem, and it could reduce the potential
pollution introduced by artificial systems. While not all appli-
cations can avoid artificial materials, the process of learning
how to use living or non-living plant-derived tissue in artificial
or biohybrid devices can lead to new applications. This is a
beginning field of research and especially combining them with
electronics, robotics, approaches from nanotechnology and
synthetic biology could add functionality to devices but also
to the organisms like the plant itself.'°®*>6-128

We recently powered for example an ion delivery system,> or
ion pump, directly from the energy harvested from plant leaf
motion in the wind. Such systems could also deliver larger
molecules like hormones stimulating plant growth as shown
previously by Bernacka-Woijcik et al.'®>® Moreover, it has been
observed that insects and pests like Halyomorpha halys intro-
duce specific vibration patterns and electrical charges on leaves
that can be measured with electrodes in the tissue.”** Such
system could lead to new pest sensing approaches but further
research on the understanding of charge formation on leaves,
the combination of electrodes and feasibility is required.
Especially, the time-dependent interaction of the artificial
system and the plant needs to be observed and how materials
exposed and interacting with the tissue remain functional. A
crucial point is thereby the biocompatibility and the sustain-
ability of the artificial materials that are introduced that still
should be as biodegradable and harmless as possible as
mentioned above.

4.2. Challenges of a biohybrid approach

Despite the advantages of biohybrid systems, several challenges
and limitations must be considered.

One major concern is that environmental factors such as
humidity, temperature fluctuations, and biological degradation
can affect the functionality of plant-hybrid machines over time
due to the inherent variability of biological but also artificial
materials exposed to the environment. This variability can lead
to inconsistencies in performance, durability, and reliability
compared to fully artificial systems. Moreover, while biohybrid
approaches aim to reduce environmental impact, ensuring that
artificial components introduced into ecosystems are biode-
gradable and sustainable is crucial, particularly for long-term
applications."®"*® Integrating plant-based materials with
advanced technologies, presents additional technical chal-
lenges related to fabrication, scalability, and control."**

For example, although HybriBot presented significant
advantages, it relies on dead plant tissues as biological actua-
tors and a key challenge of this approach is that the availability
and consistency of these natural materials can vary
significantly.** Unlike synthetic actuators, which can be man-
ufactured in a controlled and repeatable manner, sourcing and
processing plant-derived actuators at scale presents logistical
and standardization challenges.

Another example includes wind and leaf-powered ion
pumps, but optimizing their efficiency and stability for real-
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world applications and varying environmental conditions like
wind speed remains yet a challenge in the early stage of such
technologies.*® Similarly, sensors embedded in plant tissues
have been used to detect pest-induced vibrations and electrical
charges, yet further studies are needed to understand charge
formation on leaves and improve the integration of artificial
electrodes with biological systems**® including outdoor perfor-
mance. A major challenge is still that artificial materials and
devices are often static and cannot dynamically respond and
evolve functionality adapting to variable external conditions.

As this is still an emerging field, further interdisciplinary
research is needed to optimize biohybrid designs, enhance
functionality, and address these limitations.

5. Conclusions and outlook

This feature article highlights the main contributions of the
authors in the field of plant-inspired and/or plant-hybrid
machines, showing significant progress in soft robotics, energy
harvesting, and sensing technologies.

We show how researchers are extracting key principles from
nature, especially plants, to design materials and robots able to
not only interact but also preserve the ecosystems.

We have focused on the “chemistry” behind plant-inspired
and/or hybrid machines for the phytosphere, by highlighting
the manufacturing processes and materials, and exploring the
energy harvesting advancements. Moreover, we have high-
lighted the most recent advances for adapting a biohybrid
approach in robotics and material science as well as advantages
and current challenges of the approach.

Despite in the recent years a growing number of studies has
been performed in the plant-inspired and hybrid robotics field,
many aspects remain unexplored. For example, the authors
have shown novel plant-inspired machines able to attach to
plant leaves for targeted drug-delivery into plant vascular
tissues.*® Although precision medicine is a well-known
approach in humans (i.e., via microneedle patches,**'** “pre-
cision plant medicine” could create a novel market to precisely
deliver pesticides, nutrients and/or fertilizers into plants, help-
ing preserving the ecosystem and the phytosphere). A few
studies have been performed in this direction,**> and it could
be interesting in future studies combine plant-inspired micro-
patterned materials into soft robotic arms™* for precision
agriculture applications. In addition, biohybrid plant-like
machines are also a growing research field in which many
works still have to come. It could be interesting in future
studies combining different biohybrid approaches by extracting
living plant tissues (i.e., living chloroplasts®®) and combining it
with biodegradable and responsive materials. We believe that
energy autonomy is a key aspect that should be integrated from
the initial design stages of any technology. The more such
technologies are applied in environmental contexts, the greater
the need for methods that avoid introducing pollution, may
biodegrade, and still generate electricity for compatibility with
our electronic technologies.
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The energy conversion technologies presented here provide
an overview of research and application possibilities, drawing
inspiration from plants and utilizing biohybrid components to
achieve functionalities that would be difficult or impossible
with purely artificial systems. Further development of new
functional materials, processable at multiple scales (from
micro to macro) with a broader catalogue of biodegradable,
sustainable materials will drive further process in the field.
Especially the opportunity to combine multimodal functional-
ities such as energy conversion, actuation, tailored degradation,
without the need for complex control systems but realized
through physical intelligence, that is achieved through materi-
als chemistry and its dynamic adaptation to the environment
will allow next upgrades of the presented systems. A crucial
aspect is also testing the systems in real environment where
complex interaction could affect functionality drastically.
Therefore, it is required that lab-scale fabrication methods
and material systems allow to realistic outdoor tests with
enough relevant replicates. Considering these aspects, and near
future developments, sustainable, energy-autonomous robotics
will significantly contribute to a broad technological platform
for environmental monitoring, approaches for sustainable
agriculture and for facilitating ecological restoration through
advanced biohybrid robotic interventions.
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