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1. Abstract
Ionic Polymer-Metal Composites (IPMC) are electroactive polymer materials that bend in an electric field or current. A typical IPMC is an ion exchange polymer membrane covered with metal layer on both sides. An IPMC bends when voltage is applied between the metallized faces of the membrane. IPMC exhibits relatively large bending, but relatively low force in response to the voltage of only a few volts. There also exists a reverse effect: during bending caused by an external force, voltage is generated between the metallized faces of the membrane. Both electromechanical effects are caused by movement of charged particles inside the membrane.
This work introduces a model of an IPMC as a distributed one-dimensional RC transmission line. The circuit elements of the transmission line have clear physical interpretations - the conductivity of the electrodes, the pseudocapacitance of the arising double-layer at the boundary of the electrodes, the electric current caused by electrolysis etc. Due to the non-zero resistance of the electrodes and the enormous capacitance of the polymer membrane, it is obvious that the electric currents and voltage drops in an IPMC device will be remarkable and the distribution of the electrical parameters is not uniform. This causes the non-uniform mechanical response. The distributed nature of the model described in the current work permits predicting the non-uniform bending of the IPMC actuators in time domain. Likewise, the distributed model helps to reconcile the output of an IPMC-based position sensor with its shape. 
This thesis describes how the electrical parameters are measured and presented, how the mechanical parameters of the bending actuator are obtained and how these results are later combined togheter. When the measurable electrical parameters and the altering shape of IPMC are described in a specific distinctive way, the correlation between the bending motion and electrical parameters is apparent. In the model, described in this work, the electromechanical coupling between the electrical parameters and bending motion is implemented by means of distribution of electric current along the material and in the course of time.
Furthermore, taking into account several nonlinear parameters, the model is consistent with the experimental results even when the inflexion of the actuator or sensor is large or the water electrolysis appears. The considered causes of nonlinearity are the altering conductivity of the electrodes of IPMC and the electrochemical reactions at the electrodes. In this work the effect of each parameter is illustrated with simulations obtained with a Matlab Simulink or the closed-form solutions of differential equations.
Exploiting the correlation between the resistance and curvature of the electrodes of the IPMC, allows to develop an actuating-sensing device, capable of feeling its own motion.

This work is concluded with a demonstration of a IPMC-based actuating device with more than one pair of input contacts. Taking into account the effect of the altering resistance of the bending surface electrodes, it is possible to gain a complicated curvature of a single-piece IPMC actuator.
2. Introduction

This thesis presents a model of an IPMC. IPMC is modeled as a distributed RC transmission line. Unlike other electromechanical models of an IPMC, the distributed nature of this model permits predicting the non-uniform bending of the material. Instead of modeling the deflection of the tip of a cantilevered IPMC actuator or sensor without taking an interest in the shape of the device between the tip and the input contacts, this model describes the uneven changing curvature of the device. The model makes it possible to describe the distribution of the voltage and electric current in spatial domain and in time-domain.  The electromechanical coupling between the electrical parameters and bending motion is implemented by means of the distribution of electric current, particularly the movement of charged particles inside the material. Likewise, the distributed model helps to reconcile the output of an IPMC-based position sensor with the shape.

Furthermore, taking into account several nonlinear parameters, the model is consistent with the experimental results even when the inflexion of the actuator or sensor is large.

Exploiting the nonlinear parameters, especially the correlation between the resistance and curvature of the electrodes of the IPMC, allows to develop an actuating-sensing device, capable of feeling its own motion.

2.1. A brief overview of IPMC
A typical Ionomeric Polymer Metal Composite material bends in response to electrical stimulation (Fig. 2.1). It is an ion exchange polymer membrane covered with metal layer on both sides. The metal layers serve as electric contacts. During the fabrication the membrane is saturated with certain solvent and ions. Voltage applied between the conductive electrodes causes migration of the ions in the solvent inside the polymer matrix. That in turn leads to non-uniform distribution of the ions inside the polymer. As a result, the material deforms – bends. 
There exists also a reverse effect that makes it possible to exploit an IPMC as a mechanical position sensor: during bending caused by an external force, voltage is generated between the two faces of the membrane. Both electromechanical effects are caused by electrochemical effects - the movement of charged particles inside the membrane [1, 2, 3, 4, 5].
[image: image173.jpg]



Fig. 2.1. An IMPC sheet in a bent configuration with the opposite driving voltage polarity (A and C) and an initial configuration with no electric stimulus applied (B).
In literature, IPMC (Ionic Polymer-Metal Composite, or Ionomeric Polymer-Metal Composite) is also called ICPF (Ionic Conducting Polymer Film or Ionic Conducting Polymer gel Film), SPM (Solid Polymer Electrolyte Membrane), IPT (Ionic Polymer Transducer), IMPC (Ionic Metal-Polymer Composite).
2.2. Actuation of the IPMC

In 1992, Oguro described the actuation function of the IPMC by demonstrating that the material bends when voltage is applied. [6]. The sensing effect of an IPMC was found almost at the same time - Sadeghipour et al. introduced their ’smart’-material based accelerometer in 1992 [7]. Although the effect of actuation of IPMC is known over a decade already, the discussion about the mechanism of the actuation is still ongoing. [8, 9, 10]. All theories assume that the deformation of IPMC is caused by the moving particles inside the solvent-swollen backbone of the polymer.
The backbone of IPMC is a hydrophobic fluorocarbon polymer sheet with fixed, hydrophilic anion groups. The backbone is highly swollen with a solvent – water or ionic liquid. During the fabrication of the material the proton connected to the terminal group (the chemical unit at the end of a side chain of the polymer), is replaced with a cation. These cations dissociate in water and form an excess of free cations in the hydrated polymer. The remaining polymer chains will have negative charge. There exist two distinct schools differently explaining the influence of the moving ions in the course of actuation of IPMC:

1. The main cause of deformation of the material is the generated irregular density of solvent and ions. The originated free cations hydratize – the molecules of solvent connect to the cations, as shown in Fig. 2.2. 
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Fig. 2.2. IPMC with no voltage applied.

When electric field is applied between the faces of the IPMC, the hydrated cations move in the fixed network of negative charged backbone of the polymer towards the negative charged surface, causing expansion of the polymer at one face and shrinkage at the opposite face. Figuratively, while one face of IPMC withers and shrinks, the opposite face protracts due to swelling with water and ions. As the result, the polymer network bends towards the shrinking face as shown in Fig. 2.3. A theory taking into account the hydratization of cations is proposed in 2000 by DeGennes et al. [8] and Asaka [11].
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Fig. 2.3. IPMC bends, when DC voltage is applied.

2. When electric field is applied between the faces of the IPMC, the cations move in the fixed network of negative ions of the polymer backbone towards the negatively charged surface. The main cause of deformation of the material is the electrostatic forces of displaced ions. The water is only a passive component influencing the stiffness of the polymer network. A thorough electrostatic model of an IPMC is proposed by Nemat-Nasser [9].
It must be pointed out that in the described model the ionomer is a cation exchange membrane, for instance nafion [12]. If the ionomer is an anion exchange membrane, the percolating ions are anions, the fixed network is positively charged and the bending occurs in the opposite direction.
It is possible that both mechanisms act concurrently and their relative importance depends on the solvent and ions used in the particular case [2].
The ionic polymer actuator bends in the opposite direction if the voltage is reversed. It is possible to gain electrically controllable deformation changes by changing the voltage between the faces of the actuator.[2]
The amplitudes of the voltages capable of bending the material are usually a few volts.
2.3. Sensorial properties of IPMC

Sensing properties of IPMC were discovered by Sadeghipour et al. in 1992[7]. They demonstrated that the voltage produced by a small cantilever constructed from NafionTM was proportional to the acceleration. They proposed usage of IPMCs for vibration sensors.

When the material is mechanically bent, the solvent carrying the free ions is forced towards the region with the lower pressure, like depiced in Fig. 2.3. The distribution of the charges with respect to the neutral axis of the membrane is inflected. An excess of positive charges will occur on the expanding side and a deficit of positive charges will occur on the contracting side of the fixed network of negatively charged polymer backbone. This phenomenon produces a voltage signal that can be detected at the metal electrodes. [2, 13, 14] 
The reported voltage amplitude is up to some tens of millivolts [4] and the sensing current is reported being a few microampers [14]. According to the experiments carried out by myself, the output voltages of IPMC sensors were few millivolts (see I and II).
When compared to the amount of research on IPMC actuators, there is noticeable less research done on modeling the sensing properties of IPMC. Newbury et al. presented a scalable model for IPMC actuators and sensors described hereinafter [15]. The model was further elaborated and verified by Bonomo el al. [16]. Farinholt et al derived the charge sensing response for a cantilevered IPMC beam under a step change in tip displacement [17].
The sensing property is proposed to be exploited for energy harvesting from ambient vibrations. Although the acquired power is small, the ionic polymers are able to discharge energy across a load proving that they are capable of supplying power. [18]
2.4. Electromechanical models of IPMC

Although the actuating and sensing properties of IPMCs are known over a decade, the basis of IPMC sensor and actuator functionality is not thoroughly understood. This makes it difficult to predict the behavior of this material and therefore limits the potential applications areas. Several models are proposed so far to model the behavior of IPMC sensors and actuators.
Generally the models represent an IPMC actuator in a cantilever configuration – one end fixed between a clamp serving as the input contacts as depicted in Fig. 2.1 and Fig. 3.1.3. The input parameters of the models of the actuators are usually the input voltage or current, the output parameters are the displacement of the free tip of the actuator and/or the force generated by the tip. For the models of sensors the commonly used input parameters are the position, speed or acceleration of the tip; the output parameters are usually the voltage or electric current at the electrodes located at one end of the strip.
The nomenclature of the models presented here is not complete. The purpose of this short overview is only to demonstrate the variety of possibilities of modelling the electromechanical properties of the material.

Empirical models
Historically, probably the first model of IPMC was developed by Kanno et al in 1994 - only two years after the discovery of the actuation phenomenon of IPMC.[10]. The model described the mechanical response of a cantilevered actuator to a step voltage input. The equation characterizing the motion of the tip of the actuator was a sum of exponentials:
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(2.1) 
The 9 parameters – constants 
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were determined by curve-fitting the experimental results.

Newbury and Leo [15, 19, 20] propose a linear two-port model that can be used for modeling both actuation and sensing properties of a cantilever actuator or sensor. The energy conversion between the electric and mechanical domains can be represented using an ideal linear transformer, where the electric quantities are shown on one side of the transformer, and the mechanical quantities are on the other side as shown in Fig. 2.4.
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Fig. 2.4. The model of Newbury and Leo.

There are two mechanical terms in this model - mechanical impedance due to stiffness and an inertia of the cantilever beam - and two electric terms (DC resistance and charge storage).
Lumped models

Several authors have described their models of IPMC in a form of a lumped electrical equivalent circuit where the input parameters - voltage, or current - are converted to the output parameters – tip displacement, force or power – using the rules of solving electrical circuits and coupling the electrical parameters with mechanical and spatial parameters.
Jung et al. investigate the response of a bulk of IPMC in a frequency domain and describe the results as a lumped high pass filter as shown in the Fig. 2.5. [21]
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Fig. 2.5. Model of Jung

The frequency response of such a filter is described by the formula containing experimentally derived values of resistors and capacitors:
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(2.2)
where the time constants 
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are functions of the resistors and capacitors. With the model the analysis of power consumption was performed for rectangular, sinusoidal and triangular input waveforms.

Bao et al. have modelled IPMC taking into account the effect of relaxation of the bending IPMC noticed by many authors [2, 4, 22, 23]. Under a step voltage, after a very quick bending towards anode, the strip shows a slow relaxation towards cathode. The model assumes that the positive ions bring more water to the cathode than there should be in equilibrium. There is a diffusion of the water back to the anode after initial moving to the cathode and leakage of the water together with the ions out of the membrane through the cracked metal coating [24].

The model is a circuit, similar to the model of Jung, consisting of resistors and capacitors as depicted in Fig. 2.6.[24].
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Fig. 2.6. Model of Bao et al.
Under step input voltage the input current of the circuit is expressed as
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where
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(2.4)
The electromechanical response of the actuator is expressed as a function of electric current – the movement of the cations together with associated water molecules in the electric field. 
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where 
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 is an electrical parameter – electric charge and 
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 is a geometrical parameter of the actuator – curvature. 
[image: image23.wmf]1

K

, 
[image: image24.wmf]2

K

 and 
[image: image25.wmf]t

 can be found by curve-fitting the experimental data.
It is assumed that the model without relaxation is a special case of a model with relaxation, in the simplest case the curvature is proportional to the current:
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(2.6)
Bonomo et al. elaborate the model by adding a pair of antiparallel diodes to the circuit describing the nonlinearities of the input current absorbed by the actuator as depicted in  Fig. 2.7. [25]. The influence of the diodes appears only when the voltage on them exceeds some critical value. The diodes in the model are described by adapting the Shockley ideal diode equation.

The mechanical response of the actuator is induced by the current passing through the branches R2C2 and R3C3 reflecting the capacitive nature of IPMC. The coupling between the electrical parameters and deflection of the beam is realized similar to the linear model of Newbury described hereinabove. This model takes into consideration the viscoelastic properties of IPMC.
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Fig. 2.7. Model of Bonomo.
About two years after their first model, Kanno et al. have proposed another, distributed model of IPMC. [26].
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Fig. 2.8. Distributed model of Kanno et al. [26].
The actuator is divided into ten elements consisting of circuits similar to the models of Bao or Jung, described above (Fig. 2.5, Fig. 2.6). The model of the IPMC shown in Fig. 2.8. consists of a series of connected resistors Ra and Rb, indicating the surface electrodes along the IPMC. Between the resistors representing the two surfaces are single-unit cells consisting of resistors Rx representing the resistance of polymer gel layer as an electric conductor and a capacitor C in conjunction with resistor Rc representing  the characteristics of the exponential step response curve of the current. This combination forms a 2-dimensional linear approximate model of the IPMC.

The electromechanical coupling is divided into three stages:
1) Electrical stage: the electrical input current is derived from the input voltage pulse;
2) stress generation stage: time derivative of the current generates internal stress for bending with a 2-nd order delay;
3) mechanical stage: expansion and contraction of the surfaces induces bending motion of the actuator;
As a result, the current, stress generation function and the mechanical response are expressed by the equation, similar to that of the piezoelectric element.
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where 
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 is an internal stress vector, 
[image: image32.wmf]e

 is a strain vector and 
[image: image33.wmf])

(

s

D

is a mechanical characteristics including mass, dumping and stiffness. 
[image: image34.wmf]K

 is a transformation tensor of stress generation, 
[image: image35.wmf]V

 and 
[image: image36.wmf]n

w

 are the parameters of the 2-nd order delay, and 
[image: image37.wmf]I

is current through the actuator [26].
Another similar distributed equivalent circuit is described by M. Shahinpoor [4, 27]. In this approach the units are connected in a series of resistors representing surface resistance. The circuit is presented in Fig. 2.9. There are four elements in each single unit: the resistance of the polymer; the capacitance representing the double layer at the surface-electrode/electrolyte interface and the electrode resistance Rss applied between the surface conductivity and other elements. The element Z is described as an unknown intricate impedance caused by charge transfers near the surface electrodes.
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Fig. 2.9. Distributed model presented by M. Shahinpoor [27].
2.5. Fabrication of IPMC

The fabrication of IPMC involves two main stages: metallization of the surfaces of the polymer membrane and introduction of the ions into the membrane [2, 28].
The current state-of-the-art of the technique of metallization of the membrane incorporates two distinct preparation processes: initial compositing process and surface electroding process. Due to different preparation processes, morphologies of precipitated platinum are significantly different. The initial compositing process requires an appropriate platinum salt such as Pt(NH3)4Cl2 for the chemical reduction processes.  The principle of the compositing process is to metalicize the inner surface of the material (usually, in a membrane shape, Pt nano-particles) using a chemical-reduction ingredient such as LiBH4 or NaBH4. The ion-exchange polymer is soaked in a salt solution to allow platinum-containing cations to diffuse via the ion-exchange process. After this process, a proper reducing agent such as LiBH4 or NaBH4 is introduced to platinize the materials by molecular plating. As a result, the metallic platinum particles are not homogeneously formed across the material but concentrate predominantly near the interface boundaries, as seen in the Fig. 2.10. It has been experimentally observed that the layer of the platinum particulates is buried a few micron deep (typically 1-10 m) within the IPMC surface and is highly dispersed. The near boundary region of an IPMC strip on the penetrating edge of the IPMC shows a functional particle density gradient where the higher particle density is toward the surface electrode. The range of average particle sizes was found to be around 40-60 nm. The polymer-metal interface has critical influence on the IPMC performance; yet, the relationship is not well understood.
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Fig. 2.10. A SEM image of the cross-section of IPMC. The surface electrode is easily identifiable.
During introduction of the cations into the polymer the proton connected to the chemical unit at the end of a side chain of the polymer is replaced with a cation. Usually it is done by soaking the membrane in a solution of salt or hydroxide of the corresponding cation.
Deciding on the basis of the research works published in the last few years, the most frequently used ionomers are NafionTM from DuPont and FlemionTM from Asahi Glass. The most commonly used materials for electrodes are platinum and gold. The commonly used cations are Li+ and Na+, as well as the larger organic cations tetraethylammonium (TEA+) and tetrabutylammonium (TBA+).

2.6. Possible applications of IPMC

The high strains of IPMCs make them attractive as mechanical actuators for applications requiring large actuator displacement but little force. The low driving voltage and high current make them suitable for the applications where high voltages are undesirable.
There exist a rapidly increasing number of studies where one or another of these properties is exploited for a great variety of applications. For example, IPMC sensors are investigated as vibration sensors for active noise damping [29, 30]. Even a larger amount of studies make use of the actuator properties of the IPMC materials. Their large actuation strain, displacement and flexibility make them suitable for artificial muscles in bio-inspired devices. During the last years many prototypes have been developed and reported.
A promising application area of IPMCs is biomedical assisting devices, for example artificial ventricular or cardiac-assist muscles, artificial sphincter and ocular muscles, surgical tools or peristaltic pumps [31]. Other applications using IPMC actuators include pumps and grippers [32, 33].
The natural mechanical response of IPMC is bending. Using a clever mechanical design, it is possible to convert the bending motion to  linear motion [34, 35, 36, 37]. A mechanism for a walking robot is developed using linear IPMC actuators [34, 35].

There are several kinds of swimming fish-like microrobots utilizing IPMC actuators. A mechanism for underwater micro mobile robot has been researched in [38Fuku1, 39Fuku2]. Several fish-like underwater robots are designed and implemented [40, 41, 42, 43, 44, 45, VII, VIII].
Several authors describe IPMC manipulators, where the higher number of degrees of freedom is achieved by laser ablation of the metal coating. After metal plating a pattern is cut on both sides of the membrane. By patterning, the thin metal layer is removed and insulations between segments of the electrodes are achieved. [46, 47, 48]. There have been attempts to couple laser patterned sensor and actuator segments on a single piece of a patterned polymer backbone. [49, 50]
In spite of all efforts to create IPMC applications, the state-of-art is that all applications exist only as scientific projects or prototypes. There are no industrial applications or devices based on IPMC materials yet.
2.7. Research Goals and Contributions
The models published in the scientific literature to date almost universally describe IPMC actuators as a single piece with lumped parameters. For an actuator, the commonly used input parameters are electrical: voltage or electric current. The output parameters are the mechanical parameters of one particular point of the actuator, usually the tip – displacement of the tip or blocking force of the tip. For IPMC sensors, the commonly used parameters are the opposite - the input parameter is the deflection of the tip of a cantilevered strip of IPMC; the output parameter is voltage or current produced by the device.
The contribution of my thesis with respect to the previous work is the following:

· Methodology of characterising a bending cantilever beam IPMC actuator to measure the distributed mechanical and electrical proeprties of the IPMC. Using that methodlogy I have shown that the surface resistance of the metal electrodes is highly correlated to the bendign curvature and improved the Kanno model accordingly.
· Development of a distributed electromechanical model of the IPMC sensor and actuator that describes the shape of the actuator in response to the electrical stimulus. Instead of descibing the tip motion or motion of a particular point, the distributed model permits characterising the continuous surface of an unevenly bending actuator. The model is based on RC transmission lines and unlike other models, takes into account the changing surface resistance of a bending actuator.

· The development of a self-sensing IPMC actuator. Apart from the sensors and coupled sensors and actuators developed and analysed so far, the self-sensing actuator exploits the voltage drop on the surface resistance to measure the position an motion of the actuator.

· The development of an S-shaped actautor that exploits the phenomenon of a resistance increase in response to the decreased curvature.
The rest of this thesis describes my contribution to electromechanical modelling of IPMC sensors and actuators. It is organised in a following order.

First I describe the methodlogy that I have developed with some samples that later on permitted me to describe the distribute parameters of the IPMC sensors and actuators. The methodology is described in Chapter 3.
Chapter 4 describes the distributed electromechanical model of an IPMC actuator, based on RC transmission lines.
Close inspections of the parameters of IPMC actuators revealed, that the resistance of the metal electrodes of IPMC is not constant. The surface resistance depends on the shape of the particular piece in the particular area. The changing surface resistance affects significantly the behaviour of IPMC-based actuators and sensors. Description of the phenomenon of the varying surface resistance and the refined model is described in Chapter 5.
Chapter 6 describes the distributed electromechanical model of an IPMC sensor, based on RC transmission lines.

The distributed electromechanical model of IPMC incorporates several electrical parameters. A possible methodology of identification of the parameters is presented in Chapter 7.

Chapter 8 describes, how the nonlinearities caused by electrochemical electrode reactions affect the distributed electromechanical model of an IPMC actuator.
The effect of the varying resistance of the electrodes of IPMC is exploited in the principle of a self-sensing IPMC actuator described in the Chapter 9.

Due to the increasing resistance of the bending electrodes the actuator may have more than a single pair of feeding contacts. A S-shape actuator is described in Chapter 10.

2.8. Technical Notes
If not noted otherwise, all experiments and measurements described in the current work and the published papers I - V, have been conducted using the IPMC material - Musclesheet™, provided by BioMimetics Inc. in 2004. Musclesheet™ consists of a 0.2…0.5 mm thick proprietary ionomer, similar to Nafion, covered with platinum electrodes. The ions introduced to the ionomer were Na+ or Li+.
Musclesheet™ is a water-containing IPMC, intended to work in wet environment. If not noted otherwise, in the course of the experiments the pieces of Musclesheet™ have been completely submerged in a container of deionized water.
3. Electromechanical characterization of IPMC
This chapter describes the methodology of measuring the electrical and mechanical characteristics of a bending IPMC cantilever actuator. The distributed electromechanical model is developed based on these experimental results and also validated using this methodology. It describes how the electrical parameters are measured and presented, how the mechanical parameters of the bending actuator are obtained and how these results are later combined togheter.
3.1. Characterization of electrical parameters
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Fig. 3.1.1. Experimental setup.
The experimental setup is shown in Fig. 3.1.1. The actuator is clamped in a vertical cantilever position in a container filled with de-ionized water. The input voltage is applied to the actuator via the fixed contact pair U0 and a ground contact. At the free end of the actuator additional pair of contacts U3-U4 is attached. Optionally at the middle of the actuator a pair of contacts U1-U2 may be attached. These contacts together with their clamps should be as lightweight as possible in order to prevent any mechanical disturbance. Some examples of the clamps are presented in Fig. 3.1.2.
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Fig. 3.1.2. Some examples of the clamps.

The wires connected to the contacts U1 - U4 and the measuring system should be thin (~0.08 mm) to prevent them from disturbing the actuator. As the measured parameter is voltage, the electric current in the wires is negligible and there will be no voltage drop in the wires.

The electric input current is measured as a voltage drop over the resistor R. The value of the resistor should be chosen as low as possible, but still sufficiently high with respect to the value of the current and the sensitivity of the measuring equipment. In the course of the experiments described in the current work the value of the resistor R was 0.05…1Ω.
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Fig. 3.1.3. A cantilever IPMC actuator with one pair of additional contacts.

The measurements were conducted with National Instruments LabView7 control software. Due to the features of the equipment available, the measurements were performed using a “common ground” circuit, i.e. all voltages were measured with respect to the ground and one input contact of the IPMC sample was also connected to the ground. The driving voltage was generated by NI PCI-6703 DAQ board and amplified with NS LM675 power op-amp. Voltages on all contacts with respect to the ground were measured with National Instruments PCI-6034 DAQ board. This setup makes it possible to measure the response voltage drops along the surfaces of the device in a time domain. The voltage between the contacts is calculated as a difference of the two signals.
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Fig. 3.1.4. Input voltage U0 and input electric current I0.
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Fig. 3.1.5. Voltage drops along the electrodes.
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Fig. 3.1.6. Voltages between the electrodes.
Fig. 3.1.4 – 3.1.6 depicts the typical recorded signals. The voltages between the contacts at the free tip of the actuator (Fig. 3.1.6) increase and decrease roughly exponentially while the demeanour of the voltage drop along the actuator, Fig. 3.1.5 performs a specific turn in the beginning of the input pulse.

If the contact clamps are sufficiently lightweight and the actuator is strong enough, attaching more contact pairs to the device allows to monitor the behaviour of the voltages along the device in detail. The experiments given in V are conducted using 3 pairs of contacts.
The experiments exhibit, that the voltage along the surface is not uniform, but grows and propagates slowly similar to a charging and discharging capacitor. This is caused by the capacitive nature of the IPMC and non-zero surface resistance. In case of a rectangular input voltage pulse the voltage grows faster at the input contacts and more slowly at the free end of the actuator. After disengaging, the voltage decays faster at the input contacts and slower further away from the contacts. As the result the actuator performs a sharp bending motion. The voltage between the sides of the tip equals to the input voltage only in case of sufficiently long-lasting input voltage.
The voltage between the sides of the tip of the device depends on the conductance of the surface electrodes and the electrochemical pseudocapacitance of the particular piece of the material.
3.2. Characterization of the shape of the actuator
As explained above, generally the models of IPMC described in the scientific literature do not characterize the shape of IPMC-based devices. These models usually describe the motion of the tip or the blocking force of the tip of the device. The equipment used to characterize the parameters are for instance laser position sensors or force gauges [21, 29, 51, 52, 53].
In order to describe the mechanical motion of the actuator, a simple system of computer vision was developed. It consists of a fast CCD camera and a PC with image processing software. The National Instruments Vision was used for both frame grabbing and image acquisitioning.

The bending motions of the actuator are recorded with the camera. I used the high-speed firewire camera Dragonfly Express from Point Grey Research Inc. The camera is capable of recording images at the speed of up to 200 frames per second. The direction of the camera is set transverse to the actuator and the experiment is illuminated from the rear side through a frosted glass. In perfect conditions the image of the actuator recorded in such a way consists of a single curved contrast line as depicted in Fig. 3.2.1. It is easy to use image processing software to process the shape of the actuator during each particular frame.
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Fig. 3.2.1. A series of frames imagining the shape of an actuator during 1s driving voltage pulse. The numeric characters indicate the time instant of the frame.
It is apparent in Fig. 3.2.1, that in the beginning of the input pulse (images 0...0.4s in Fig. 3.2.1.) the actuator performs a sharp motion close to the input contacts only, the free end remains almost straight. Later (images 0.4...1.0s in the Fig. 3.2.1.) the flexure of the actuator propagates gradually on, but the curvature at the region close to the contacts does not increase any more. During the relaxation (images 1.0...4.0s in the Fig. 3.2.1.) the sharp decrease of the curvature takes place close to the input contacts again, whereas the remaining part of the actuator straightens slowly in several seconds.
We describe the motion of an actuator as follows. The image processing software divides the image of the actuator into vectors with equal lengths as shown in Fig. 3.2.2. For each vector the angle with respect to the direction of the previous vector ai is registered. The matrix of changing angles a1 ... an describes the bending motion of the actuator. This method of describing the shape of the actuator allows representing its mechanical bending motion in the time domain as a series of 2D graphs or, more illustratively, as a 3D surface.
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Fig. 3.2.2 

Fig. 3.2.3. shows the 3D graph characterizing the changing curvature of the actuator depicted in Fig. 3.2.1. It can be observed that the bending of the sheet is faster and stronger close to the input contacts, getting progressively weaker as well as delayed towards the free end of the sheet.
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Fig. 3.2.3 Mechanical response of an actuator to step input voltage.

The actual number of vectors depends on the optical resolution of the camera. Using the lense Pentax C-3516M with the focal length of 35mm, we were able to divide the shape of IPMC into 5…12 vectors. In the Fig. 3.2.3 the number of vectors was 7.
3.3. Combination of the electrical parameters and shape
The CCD cameras are usually capable of recording images only at some fixed relatively low frame rates. The equipment for electrical measurements is capable of measuring the voltages and record the results at very fast speed. It is not necessary to attempt to synchronize the two processes. Scaling the two graphs to a common timescale and positioning one above the other gives an opportunity to compare the electrical and mechanical parameters. It turns out that the two graphs – the graph of spreading voltages along the surface and the graph of bending angles along the surface are strikingly similar, as depicted in Fig. 3.3.1. and III.
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Fig. 3.3.1. The comparison of the graph of the spreading voltages along the surface and the graph of the bending angles along the surface.
4. Distributed model of IPMC

The fact that the electrical perturbation as well as the change of the curvature spread along the actuator at finite speed; and the described similarity between the two graphs were the motivations to develop a distributed model of IPMC.

The basis of the model is the distributed model of IPMC proposed by Kanno et al. in 1996 described afore. [26]. Originally Kanno divided a piece of IPMC into ten similar segments and modelled the relation between the input current and tip displacement. Dividing the same piece into an infinite number of infinitesimally short similar segments, gives an RC transmission line. Actually, the elaborated model of Kanno models an IPMC as a leaky distributed thin-film capacitor with poor conductivity of the electrodes and considerable shunt losses. In fact, the circuit represents a lossy RC-transmission line.
There are two fundamental causes of the electric current between the electrodes of IPMC through the polymer matrix:
1. The current caused by ionic conductivity. Relocating ions constitute the pseudocapacitance of the double-layer which forms at the interface between ion exchange membrane and the metal electrode [7]. As described hereinabove, the resulting irregular density of hydratized ions is the cause of bending of IPMC. The resulting deformation of IPMC is proportional to the total amount of relocated ions. In the equivalent circuit the pseudocapacitance is depicted as shunt capacitors between the electrodes in each single unit.
2. The current caused by electrochemical electrode reactions, for example electrolysis of the solvent. The electrode reactions appear only if the voltage between the electrodes exceeds some certain critical level, depending on the materials used. The presence of the electrode reactions wastes energy and affects the propagation of voltage, but does not have direct effect on the deformation of IPMC. In the equivalent circuit the electrode reactions are depicted as shunt resistors between the electrodes in each single unit.
If the voltage between the electrodes of IPMC is lower than the voltage required for the electrolysis of the solvent, the influence of electrochemical electrode reactions can be neglected. The current passing through the polymer matrix is caused solely by the ionic conductivity. The simplified model is presented in Fig. 4.1. The resistances of both electrodes in each single unit are depicted as resistors 
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 and 
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; the pseudocapacitance is depicted as capacitor C.
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Fig. 4.1. The equivalent circuit of IPMC.
The voltage and current along the resulting uniform RC transmission line can be described after transforming it to a Cauer equivalent ladder structure [54], as depicted in Fig. 4.2.
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Fig. 4.2. Cauer ladder structure of the equivalent circuit.

A comprehensive overview of the lossless uniform distributed transmission line in the time domain considering different bounder conditions is presented in [54, 55].
The pair of linear differential equations which describe the voltage and current on an electrical transmission line with distance and time are called the telegrapher's equations (or just telegraph equations). The equations come from Oliver Heaviside who developed the transmission line model [56]. The theory applies to high-frequency transmission lines (such as telegraph wires and radio frequency conductors) but is also important when designing energy transmission lines. The model demonstrates that the electric current can be reflected on the line, and that wave patterns can appear along the line.
Using the notations given in Fig. 4.2., the following relations can be given between the currents and voltages:
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where 
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are the resistances of the both electrodes and capacitance of the line per unit length respectively.
Substituting the equation (4.1) after derivation into the equation (4.2) results in
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(4.3)

This shows that the time-dependent voltage along the line 
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 is determined by a homogeneous, constant-coefficient, second-order partial differential equation, with the first time derivative on one side and the second spatial derivative on the other side. This kind of equation is called a diffusion equation, as diffusion processes are described using such equations. The general solution of voltage is a function of distance 
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Where 
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are the resistances of the both electrodes and capacitance of the line per unit length respectively.

Mostly the differential equations are not solvable in a closed form. The step response of an uniform initially discharged RC transmission line is an exception. The step input voltage is also easily applicable to IPMC actuators.

An IPMC actuator can be described as an open-ended transmission line having finite length L. The voltage along an open-terminated finite-length uniform RC transmission line under step-voltage excitation is solvable in a closed form and is given by the following formula:
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[54, 55]. Here 
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 are the total resistance and capacitance of the transmission line with the length 
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 is the complementary error function.

This equation converges fast and only some first terms are sufficient to get a good accuracy for short time intervals. The actual number of terms depends on the actual values of the parameters and should be calculated for each particular case.
As described hereinabove, the deformation of an IPMC actuator is caused by the relocated ions, or by the current through the capacitors C in the distributed model. The electric current through an infinitesimally short segment 
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 of the transmission line is defined by the capacitance of the segment 
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 and the derivative of the voltage with respect to time:
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In the case of a step-voltage excitation of an open-ended transmission line having finite length L, where the voltage along the line is described with the equation (4.5), the electric current through the line at the position 
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and time 
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 is also solvable in a closed form:
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(4.7)
For the purpose of coupling the electrical and mechanical models we assume that the degree of expansion of one side of IPMC strip and the contraction of the opposite side 
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 at a given point of the sample depend on the amount of the moved electric charges 
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, possibly carrying water molecules at that point. The mechanical deformation and the electrical parameters can be coupled using the equation (2.5) from the model of IPMC proposed by Bao et al. [24] described hereinabove. Assuming that there is no relaxation of IPMC caused by water leakage, i.e. all moved charges produce deformation of the actuator, the dependency between the curvature and the amount of moved electric charges at that point is linear:
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In that case the total curvature at the given point 
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 at time instance 
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 can be calculated by summarizing all motions generated by all charges before the instant 
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Calculating 
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 from (4.7) and deformation from (4.8) permits coupling the transmission line model of IPMC to the mechanical bending. The equation (4.8) enables finding the curvature of the actuator at any point 
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 at any time instance 
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 and thus finding the shape of the IPMC actuator for non-uniform bending.
The distributed model of IPMC is given in Fig. 4.3. Each single unit of the RC transmission line contains an ammeter measuring the current IC through the capacitance C. The current IC is integrated with respect to time, resulting to the mechanical response k of the single unit.
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Fig. 4.3. The distributed model of IPMC.

Some simulations of a step response of the actuators with different electrode resistance and different capacitance in similar scales are given in Fig. 4.4 - Fig. 4.7. The simulations are performed using equations (4.5), (4.7), (4.9). The values of the resistance and capacitance are close to the experimentally gained real values. As the coefficient 
[image: image98.wmf]K

 of the equation (4.9) is not determined yet and can be found by curve fitting, we do not give the scale of the vertical axis but only demonstrate the shape of the characteristics. There is an obvious similarity between the charts of voltage and the bending motion. Since current is a derivative of voltage and the curvature, in turn, is the integral of the current, both with respect to time, the similarity is easy to explain.
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Fig. 4.4. Simulation 1. C=0.1F; Ra+Rb=15Ω.
In this simulation the resistance of the electrodes, capacitance and length of the actuator are close to the experimentally measured values of the actuator described in paragraphs 3.1 and 3.2. The voltage increases rapidly close to the input contacts and more slowly further away from the input contacts. The electric current peaks sharply near the input contacts during the first few milliseconds of the input pulse, and then decreases rapidly to almost zero towards the free end of the sample. This behavior of the current produces a sharp bending close to the input contacts only. The noticeably weaker change of the curvature of the free end appears after a short delay. The behavior of voltage corresponds to the graph given in paragraph 3.1, Fig 3.1.4 – Fig. 3.1.6., and the change of curvature corresponds to Fig. 3.2.3.
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Fig. 4.5. Simulation 2. C=0.05F; Ra+Rb=15Ω.

In the simulation 2 the capacitance of the actuator is twice less than in the simulation 1. When compared with the motion of the simulation 1, the motion of the simulation 2 is about twice weaker. This corresponds to the conclusion of Akle, that the strain response of an ionomeric transducer is strongly correlated to the capacitance of the plated material. Akle demonstrates that there is an approximately linear relationship between strain response per unit voltage and the capacitance of the transducer [57].
[image: image105.jpg]


[image: image106.jpg]5

000 Ty

¥



[image: image107.jpg]



Fig. 4.6. Simulation 3. C=0.1F; Ra+Rb=3Ω.

In the simulation 3 the capacitance of the actuator is equal to that of the simulation 1, but the conductivity of the electrodes is 5 times higher. Although the free end of the actuator retards, due to the good conductivity there is no considerable voltage drop along the surface of the actuator and after half of a second already the curvature of the actuator becomes uniform, i.e. forming an arc of a circle. This conclusion is consistent with the observation given in [27] that the lower surface-electrode resistance generates higher actuation capability in the IPMC artificial muscles.
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Fig. 4.7. Simulation 4. C=0.01F; Ra+Rb=3Ω.

In simulation 4 the conductivity of electrodes is high, but the capacitance is 10 times lower than in the simulation 1. The capacitance is low and the actuation capabilities are low due to deficiency of charged particles. Although the curvature of the actuator is low, it is continuously uniform, and achieves the maximum in about 20 milliseconds only.
The relationship between the actuation capabilities and length of an actuator are given in III. These simulations result to a conclusion that due to distributed capacitance and electrode resistance it is useless to have too long IPMC actuators. The optimal length of an actuator is actually a function of the product of the electrode resistance and pseudocapacitance of the particular IPMC material. If the material has better conductivity, i.e. resistance is lower and has better expected performance, then the optimal length is longer. If it has lower capacitance, i.e. contains less ions and therefore has weaker expected performance, the optimal length is also longer.
Anton et al. investigate the mechanical properties of IPMC and the forces applied by IPMC actuators [58, 59]. Anton concludes that an IPMC actuator, capable of applying a predefined force within a predefined working section, has finite optimal length due to viscoelasticity even if the electrical parameters were homogeneous [59]. Presumably the consideration of the eletrical as well as the mechanical parameters gives a good approximation to the problem of the optimal length of IPMC.
Although the analytical model shows a good correlation to the experimental data, the model only considers the case where an actuator containing water is driven at low voltages. At higher input voltages the electrode reactions cause considerable non-linearities. For the actuators where ionic liquid is used as a solvent, the linear model is expected to hold even at moderately large deformations and higher input voltages.

5. Nonlinear distributed model
5.1. Characterization of surface resistance of IPMC

The metal surface of the IPMC usually appears cracked, consisting of discrete particles[2, 27]. Supposedly these cracks are caused by water swelling and electroactive bending. Regardless of fractionation surface conductivity is large enough, as conduction occurs via contact of individual metal islands at the surface of the membrane [2]
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Fig. 5.1.1. The surface of IPMC is cracked.
During bending one face of IPMC shrinks, the opposite face stretches swollen with water and ions. The natural cracks of the metal of the metallized surfaces shrink and expand causing surface resistance changes.
The measurements of the surface resistance revealed that when the surface of IPMC is compressed, it’s resistance decreases slightly with the decreasing bending radius. When the sample is stretched, the resistance increases several times when the bending radius decreases. It is typical that the actual values of the surface resistance and the change are not equal on both sides. The change of the surface resistance of the stretching side is always larger than the change of the resistance of the compressing surface and we suggest that it depends on how the metal particles on the surface electrode are thorn apart or stretched out on the surface.

The first measurements were conducted bending the samples of IPMC along the surface of round lab glassware with various diameters. A contact strip with 4 electrodes was fixed on the IPMC. In order to measure the expanding side of the IPMC strips they were attached to the outer surface of the glasses, to measure the compressed surface, they were attached to the inner surface.

Later an automatic device capable to change the curvature of IPMC strip and measure the resistance of IPMC electrodes was built [60]. The device employs two servos and one stepper motor to bend the sample of IPMC as an uniform arc of a circle. The resistances of both surfaces of the sample are measured using four-probe method. The results of the measurements are sent to a PC using USB interface.

A typical result of the measurements is depicted in Fig. 5.2. The origin of the horizontal axis denotes a loose sample. Along the positive direction of the horizontal axis the surface is progressively expanded; along the negative direction the surface is progressively compressed.
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Fig. 5.1.2. The correlation between the surface resistance and the bending curvature of an IPMC sample.
The results suggest that the densely packed particles on the surface cannot be compressed any more, but can easily be drawn apart from each other when the top layer of the film is stretched. The surface resistance thus seems to depend on the contact area of the particles.
A comprehensive overview of the changing surface resistance and some experiments conducted are provided in I.
5.2. Non-linear equivalent electric circuit
The equivalent electric circuit of IPMC, modelling the changing resistance of the electrodes is described in Fig. 5.2.1. Each single unit of the RC transmission line contains an ammeter measuring the current IC through the capacitance C. The current IC is integrated with respect to time, resulting to the curvature k of the single unit according to the equation (4.9) derived from [24]. The improvement with respect to the model of Kanno [26] is that the resistors indicating the surface resistance of the IPMC Ra and Rb  are variable resistors instead of constant-value resistors. The values of the variable resistors depend on the curvature k of the IPMC strip at the single unit according to the functions f1 and f2. When the surface stretches, the resistances of the variable resistors increase, when the surface compresses, the resistances decrease.
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Fig. 5.2.1. The equivalent circuit of IPMC considering the changing resistance of the electrodes.

The resulting RC transmission line is a non-uniform transmission line at each time instance. A comprehensive theory of that kind of lines is given by E. Protonotarios et al. in [61, 62, 63]. According to [62] the voltage response of non-uniform distributed RC transmission line to a unit-step excitation is a totally positive density function that possesses only one maximum. It behaves asymptotically for 
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For the changing curvature, and hence for the altering resistances of 
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, the circuit forms a time-dependent non-uniform transmission line.

It must be pointed out that the closed-form solutions for the time-domain impulse response of non-uniform RC transmission line are practically impossible, and exact series expansions are possible only in rare circumstances. [54, 62, 64]. Some possible approximations of the solution are described for example in [64, 65]. The simplest method of solving the line is replacing the RC transmission line by a lumped RC ladder. The distributed line can be approximated by a lumped RC ladder very simply. The disadvantage is that for a fair approximation a larger number of lumped elements must be used. The approximation is valid only in the low frequency region as the order of the network is zero [64].

5.3. Simulations of a nonlinear actuator
For simulations of the equivalent electric circuit a Matlab Simulink model using the SimPowerSystems toolbox was created. It consists of 10 similar single units depicted in Fig. 5.2.1. The comparative simulations expound in Figs. 5.3.1 – 5.3.5., are conducted according to the measurements given hereinabove in the chapter 3. The graphs A depict the case where the resistance of the electrodes is invariable; the graphs B are the results of the simulations where the resistance of the electrodes changes according to Fig. 5.1.2.
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Fig. 5.3.1. Input voltage and input electric current. A – invariable resistance of electrodes; B – variable resistance of electrodes.
In the beginning of the rectangular input voltage pulse the input electric current peaks sharply. When the input pulse terminates, the current performs a sharp peak with the opposite polarity. The graph corresponding to the measurement is depicted in Fig. 3.1.4. There is no noticeable difference between the two graphs of the different models.
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Fig. 5.3.2. Distribution of voltage between the electrodes. A – invariable resistance of electrodes; B – variable resistance of electrodes.

The rectangular input voltage pulse decays fast. The amplitude of the voltage is considerable only in about one third of the length of the actuator. The amplitude of the voltage in the middle of the actuator is almost equal to the voltage at the free end. Similar behaviour of voltages are depicted in Fig. 3.1.6. As the total resistance of both electrodes 
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 increases, the graph B is lower.
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Fig. 5.3.3. Distribution of electric current. A – invariable resistance of electrodes; B – variable resistance of electrodes.

The distribution of electric current through the polymer is a parameter, not measurable in the real systems. It can only be simulated. Near the input contacts the electric current peaks sharply and decays rapidly. Further away from the input contacts the current increases smoothly. The graph B is lower, but the detailed difference between the graphs A and B is visible only at a close examination.
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Fig. 5.3.4. Bending motion. A – invariable resistance of electrodes; B – variable resistance of electrodes.

The change of the curvature of the actuator is achieved by integrating the electric current with respect to time according to the equation (4.9). The similar change of the curvature is depicted in Fig. 3.2.3 and Fig. 3.3.1., obtained from the measurements with real actuators. As the total resistance of both electrodes 
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Fig. 5.3.5. Voltage drops along the length of the actuator on both sides. 
A – side 1, invariable resistance of electrodes; 
B – side 1, variable resistance of electrodes; 
C – side 2, invariable resistance of electrodes; 
D – side 2, variable resistance of electrodes.

The graphs depicted in Fig. 5.3.5. correspond to the measured voltages depicted in the Fig. 3.1.5. The voltages between the sides of the actuator (Fig. 5.3.2) are rather similar in cases of both changing and constant resistances of the electrodes. The voltage drop along the length of the actuator performs a specific turn in the beginning of the motion, caused by the increasing total resistance of both electrodes 
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. Similar specific turn is identifiable in the measurement depicted in Fig. 3.1.5.
This characteristic behaviour of the voltage drops along the electrodes can be utilized to identify the bending of an actuator, as described hereinafter.

6. Distributed model of IPMC sensor
Mechanical bending of the IPMC material contracts one side of the membrane while expands the other. This forces the mobile ions, carrying the water molecules, to move against the pressure gradient. The expanded side therefore contains an excess of positive ions. This phenomenon produces a voltage gradient at the surface electrodes of the IPMC [2, 16, 27].
The forced flux of ions can be introduced into the distributed model of IPMC as a distributed source of electric current. Besides the already introduces variable resistors Ra and Rb  and a capacitor C, each single unit of the RC transmission line depicted in Fig. 6.1. contains a generator of electric current J. The change of curvature 
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and the current Ik(x,t) generated by the generator of current J have a functional relationship.
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Fig. 6.1. Distributed model of IPMC sensor.

As described in chapter 5, the values of the variable resistors Ra and Rb depend on the curvature k of the IPMC strip at the single unit according to the functions f1 and f2 as in the model described in the chapter 5. Additionally the initial shape of all single units k0. influences the resistances of the electrodes Ra and Rb and therefore has an effect on the output signal of the sensor.

The distributed model of IPMC sensor depicted in Fig. 6.1. functions in the opposite way compared to the model of an actuator. In the model of the actuator, the electric current through the capacitor C of an elementary unit produces mechanical response 
[image: image137.wmf]k

. When a piece of IPMC, utilized as a sensor and represented as a transmission line, is rapidly bent at some region, the current Ik is generated in the elementary units of that region by the generators J. The originated electric signals propagate along the IPMC material with finite speed and are suppressed spatially.
In order to demonstrate the damping of the signals, three simulations of IPMC sensor in different scenarios describing a transitions from one mechanical configuration to another are given.
The situations are explained in Fig. 6.2.
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Fig. 6.2. Scenarios of the simulations of an IPMC sensor.
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Fig. 6.3. Simulation corresponding to scenario A.

In scenario A the initially straight sensor is in cantilever mode. Only the tip of the sensor moves rapidly during 0.1s at time instance 0.1s. The situation is described in Fig. 6.2-A. The motion in the form described in chapter 3.2 is depicted in Fig. 6.3-A. The electric current produced by drift of ions is depicted in Fig. 6.3-B. This electric current generates a wave of voltage propagating along the strip of IPMC, as depicted in Fig. 6.3-C. The voltage at the output of the sensor Uout is actually the voltage in Fig. 6.3-C at the point, where the relative length is zero. The output current of the sensor Iout is depicted in Fig. 6.3-D.

In scenario B the initial configuration of the sensor differs from the one in A in that the whole strip is initially bent with a constant curvature as depicted in Fig. 6.2-B. The relative movement and the induced pulse of electric current are identical to the situation A as depicted in Fig. 6.4-A and 6.4-B respectively. As the resistances of the curved surface electrodes are larger compared to the previous situation, the propagation of the generated voltage pulse along the length of the sensor is more suppressed. The output voltage and the output electric current are also damped, as seen in Fig. 6.4-C and 6.4-D.

In scenario C the straight strip of sensor is rapidly bent with a constant curvature as depicted in Fig. 6.2-C. The motion in the form described in chapter 3.2 and the electric current produced by the drift of ions is depicted in Fig. 6.5-A and Fig. 6.5-B respectively. As the electric current is produced in the whole device, the produced wave of voltage inside the device is a convolution of all waves generated by all generators of electric current of all single units of the transmission line (Fig. 6.5-C). The output voltage and the output electric current (Fig. 6.5-C and Fig. 6.5-D) express an approximate form of the current caused by the curvature change.

[image: image143.jpg]



[image: image144.jpg]004

002

Time (s) relative length




A




B

[image: image145.jpg]A1 o e
il
Y
0TI




[image: image146.jpg]x10

05
Time (s)

15

) waung




C




D

Fig. 6.4. Simulation corresponding to scenario B.

NB! Simudel on relative length valepidi! tee kindlasti ümber!

[image: image147.jpg]angles

relative lengt




[image: image148.jpg]



A




B

[image: image149.jpg]“:'fé
5%zzm

l





[image: image150.jpg]x 10

05
Time (s)

15

) waung




C




D

Fig. 6.5. Simulation corresponding to scenario C.

The experimental demonstration of similar situations is described in I. The electric signals, generated by an IPMC-based position sensor, were measured at both ends of a pre-bent sensor. A special appliance was made to impose displacement of the middle of the sensor by an electromechanical actuator. If the current is generated at the middle of the sensor, the voltage wave propagates in both directions and generates the output signals of the sensor at both tips of the strip. When the sides were pre-bent differently, the two output signals were damped in a different manner.

The experiments and simulations confirm in some respects the assumption of Farinholt et al. that the output signal of an IPMC sensor is separable as a product of temporal and spatial components. [17].
The simulations and experiments show that the output of IPMC displacement sensors are always delayed and distorted. The extent of distortion increases with the distance of the point of impact from the output contacts. The more the sensor bends, the more the surface resistances increase and therefore the more the output is disturbed.

As a result of the experiments an simulations it can be concluded that the IPMC position sensor is generally capable of detecting the fact of the curvature change only. In order to employ IPMC as a calibrated position sensor, the mechanical terms should be carefully characterized. Design of such a sensor would imply finding a trade-off between capacity of the IPMC and the signal damping. The smaller is the capacitance of the IPMC the less the signal decays but then the signal generated by the motion is also weaker. In any case, the better is the surface conductivity the better is the sensor. If the external force bending the sensor is large enough, the metal surface electrode should be thick and with a good conductivity.

7. Identification of the parameters of the model
The simulations described ealier and in the following section and the validation of the presented models requires that the parameters of the IPMC are identified properly.
Due to the distributed character of IPMC and noticable resistance of the electrodes it is impossible to measure capacitance simply using a capacitance meter. The parameter identification should be carried out using some comfortable method of determining the parameters of an RC transmission line. This section describes the methods of identification of resistance and shunt conductivity that can be used to validate the models of IPMC.
7.1. Identification of the capacitance and the resistance of the electrodes
A possible simple procedure for experimentally determining the parameters R and C of distributed RC networks is described by Pierson et al. [66]. The methodology consists of two measurements with different boundary conditions. The two distinct boundary conditions are easily achievable by short-circuiting the termination of the line. In order to determine R and C two sets of measurements must be made:

1) The voltage response at the termination of an open-terminated transmission line to a Dirac delta function impulsive input voltage (approximated by a voltage pulse of short duration) is:
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(7.1.1)
2) A short-circuit test with the same source should be performed. The response of electric current at the termination of the shorted transmission line to an Dirac delta function impulsive input voltage pulse (approximated by a voltage pulse of short duration) is:
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(7.1.2)
Using low amplitudes of the impulsive voltage the shunting resistors may be neglected. From these two measurements R and C may now be determined.

The methodology described here makes possible to determine the capacitance of a slice of IPMC and the total resistance of both electrodes 
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The methodology of determining the individual resistances of both surfaces is described hereinabove in the chapter 5.1 and in I.
7.2. Shunt conductivity caused by electrode reactions
The electrode reactions create additional nonlinearities in the behaviour of IPMC. As described hereinabove, the electrode reactions appear if only the voltage between the electrodes exceeds some certain critical level.
The values of the shunt conductivity resistors can be determined using impedance spectroscopy with variable-voltage step pulses.

The response of electric current of IPMC to a long-lasting step voltage input is depicted in Fig. 7.2.1. The current peaks sharply at the very first moment (instant A). After charging the whole pseudocapacitor, the current remains at a stable level (instant B).
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Fig. 7.2.1. Response of electric current to a rectangular voltage pulse.
This behaviour of the current can be explained by analysing the equivalent circuit depicted in Fig. 7.2.2. At the very first moment, when the capacitor C is totally discharged, the current flows through the parallel resistances G and Q (instant A). When the capacitance C is totally charged, the current flows through resistance G only (instant B).
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Fig. 7.2.2. Equivalent circuit of IPMC.
The measurements were conducted as follows. A 2 x 10 mm piece of IPMC containing Li+ or Na+ ions was wholly fixed between gold electrodes. In this configuration the resistance of the electrodes does not influence the results.
Measuring the current at the instants A and B (Fig. 7.2.1) with voltage pulses of various amplitudes gives a well determined relation between the values of the resistors and the voltage applied - Fig. 7.2.3 and 7.2.4.
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Fig. 7.2.3. Relation between resistance G and voltage.
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Fig. 7.2.4. relation between resistance Q and voltage.
When the voltage is lower than required for water electrolysis, the value of the resistance G is so high that it’s influence can be neglected and the resistance Q only slightly limits the charging current of the capacitance. Based on these measurements the simplification of the distributed model of IPMC described in the chapter 4. is justified - if electrolysis does not appear, the resistances Q and G can be disregarded.

When the amplitude of the voltage approaches to the voltage required for water electrolysis, both resistances decrease fast, finally reaching very low values: Q~0.1 Ω/cm2 and G~1 Ω/cm2. The effect can be explained with electrochemical reactions on electrodes, for example the electrolysis of the solvent. In that case the consumption of electric current and electric power through the resistance G is remarkable. The resistance Q limiting the charging current of capacitance practically disappears, and the performance of an actuator is higher.
The correlation between the values of the resistors and the voltage applied can be characterized with the following equation:
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where 
[image: image159.wmf]¥

R

 is the low resistance in the case of electrolysis; 
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 are constants. For example G(U) depicted in Fig. 6.2.3 can be expressed approximately as:
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(7.2.2)
8. Nonlinear model considering electrode reactions
The distributed models of IPMC actuators described in chapters 4 and 5 assumed, that the driving input voltages are so low, that the electrode reactions, for example the electrolysis of the solvent, do not appear.
Taking into account the results of characterization of the parameters described in the previous chapter, an improvement can be introduced to the model described in the chapter 5. Additional elements are the two resistors G and Q, shunting the two electrodes of IPMC in each single unit of the RC transmission line as depicted in Fig. 8.1. The values of G and Q depend on the voltage between the electrodes of the transmission line in that particular single unit, measured by the voltmeter V. The dependence between the voltage U(x,t) and the resistance can be expressed like in the equation (7.2.1).
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Fig. 8.1. A transmission line model considering the electrode reactions.
As it was seen in the previous simulations, the distribution of voltage between the electrodes of IPMC is usually decreasing along the length due to the voltage drop on the resistance of the electrodes. The influence of the electrode reactions appears only in these regions where the voltage exceeds the critical voltage, whereby the threshold of the critical voltage gradually propagates away from the input contacts.
The resistor Q limits the charging current of the capacitance C. When the electrode reactions appear, the charging current of the capacitance C grows due to the almost disappearing resistance of resistor Q. That in turn increases the actuation capabilities of the device in that region. 
The growth of the current through resistor G and the vanishing resistance of resistor Q due to the electrode reactions appear to be very sharp with respect to the voltage. Therefore the equivalent circuit may be approximately divided into two regions composed of different types of single units: the region near the input contacts, where the electrode reactions appear; and the region without electrode reactions, as depicted in Fig. 8.2.
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Fig. 8.2. Near the input contacts (leftward) is a region where the electrode reactions appear.

When the electrode reactions appear (left region in Fig. 8.2.), the conductivity G grows fast, that in turn affects to the power consumption of the device. There will be additional current through the resistors 
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 and 
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, causing an additional drop of voltage along the surface electrodes. In Fig. 8.2. the impact of the additional voltage drop is expressed by means of functions f11 and f12, responsible for the values of the resistances of the electrodes. The voltage between the electrodes diminishes fast to the level, not sufficient  for the electrode reactions. The remaining region of the actuator functions as described in chapter 5 hereinabove.
The mechanical response 
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 of the single units of both regions are calculated by integrating the current IC with respect to time according to the equation (4.9).
The proportional lengths of both regions depend on the resistance of the electrodes and the capacitance of the material. In the experiments conducted by myself, the water electrolysis appeared exclusively between the input contacts and near to the input contacts, as depicted in Fig. 3.1.3. and Fig. 2.1. This indicates that the surface resistances of the samples of MusclesheetTM are rather large so that the voltage drops rapidly below the critical level.
9. Self-Sensing actuator
Since IPMC materials exhibit both sensor and actuation properties, a very natural approach would be to use the same material as a position sensor to control the actuator. Several authors have described the constructions where a combination of IPMC sensor and IPMC actuator is used for feedback as well as for control. Mallavarapu et al. describe a construction where from the conducting surface coating of a sheet of IPMC is laser-ablated or engraved nonconducting areas. As a result a composition of an actuator and a sensor are formed within a single sheet of polymer [50]. Yamakita et al. connect in parallel a pair of IPMC films [67]. Both approaches use one part of the appliance as an IPMC actuator, and another as a IPMC sensor. Then the bending angle of the IPMC actuator is controlled using the estimated value of bending angle from the sensor system. The problem that arises from this kind of approach is that the output signal of an IPMC sensor is several orders of magnitudes weaker than the driving voltage of the IPMC actuator and the sensor signal gets distorted by the actuator signal and noise [4, 14, II]. The current chapter proposes an approach of a self-sensing actuator based on the changing surface resistance of the metal electrodes during the material bending.
While the resistances of the electrodes of IPMC change in the course of mechanical bending, the behaviour of the voltage drops along the length of the actuator depend on the bending motion of the actuator. The effect is thoroughly described hereabove in chapter 5. The graphs A and C in Fig. 5.3.5 depict the case, when the resistance of the electrodes is invariable; the graphs B and D are the results of simulations, where the resistances of the electrodes change during bending. The experimental results (for example Fig. 3.1.5) exhibit that actually the voltage behaves similarily to the graphs in Fig. 5.3.5 B and D. The simulated complicated signals depicted in Fig. 5.3.5. in fact consist of two components: a component depending on the electrical properties of the material and the component depending on the mechanical shape of the particular piece of the material.
These finding described in the previous chapters have inspired me to develop a simple device that measures the extent of bending by comparing voltage drops on the surfaces. It is thus a self-sensitive actuator, capable of feeling its own motion.
The rest of this chapter describes the device and its working principle.
It is possible to distinguish the two components by taking a longer piece of IPMC for the actuator and assuring, that the resistances of the electrodes of one half of the piece are invariable. It is simple to accomplish this by fixing one half of the strip of IPMC by a clamp as shown in Fig. 7. For simplicity we assume, that the length of the fixed and moving part of the sheet are equal. The acquired actuator has the input contacts in the middle of the strip and test contacts at its both tips.
The lower half of the actuator depicted in Fig. 7.1 is freely movable; the voltages measured at the lower tips are UM1 and UM2 (“Moving”). The upper half is fixed; the voltages measured at the upper tips are UF1 and UF2 (“Fixed”). The input driving voltage pulse, fed to the middle input contacts, propagates to the “moving” direction as depicted in Fig. 5.3.5 B and D and to the fixed direction as depicted in Fig. 5.3.5 A and C.

[image: image169]
Fig. 7.1. The working principle of the self-sensing actuator.

The idea of the self-sensing actuator is to compare the signals UM1 and UM2 of the moving part to the reference signals UF1 and UF2 of the fixed tip to determine the extent of bending with respect to the straight sheet. The values of UF1-UM1 and UF2-UM2 should thus reflect the direction and the extent of bending. The self-sensing actuator can be used in two modes: a surface resistance position sensor and as a self-sensing actuator. In the sensor mode the curvature of the strip can be enquired using short low-voltage pulses at arbitrary moments. In the actuator mode the status of the actuator can be determined analysing the signals during actuation. The modes can be used alternately switching between them as needed.
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Fig. 7.2. The test configuration.
Fig. 7.2. shows the self-sensing actuator in test configuration. We use a lever driven by an electromechanical actuator (EM) to apply controlled external force to the IPMC actuator. The EM actuator is controlled by the personal computer (PC).
The IPMC materials used in these experiments are fabricated for operation in wet environment. Therefore the self-sensing actuator was placed into de-ionized water to make sure that the environmental conditions do not change the performance of the actuator during the experiments.

The experiments with the self-sensing actuator are thoroughly described in II.
If desired, the fixed part and the moving part of the actuator may be located towards the same direction from the input contacts, side by side. The essential assumption is, that the electrical properties - resistance of the electrodes and capacitance - of the straight material are uniform.

10. S-shape actuator

The observation that the bending of a relatively long IPMC actuator is faster and stronger close to the input contacts, getting progressively weaker as well as delayed towards the free end of the sheet, motivated me to add additional feeding contacts to the free end of the actuator.

The idea of attaching more contact pairs to an IPMC actuator is not new. Several authors have described the constructions where laser-ablated or engraved nonconducting areas are created in the conducting surface coating. As a result a composition of separate actuators are formed within a single sheet of polymer. [68, 69, 70]. Attaching the input contacts to the separate areas and driving the separate actuators with different voltages allows to achieve different non-uniform motions of the actuator, for example transfering the bending motion into linear. 
As a matter of fact, similar results can be attained using proper timings of the driving voltages within an undivided sheet of IPMC. I connected two pairs of contacts to the tips of the actuator as shown in the drawing in Fig. 10.1-A. The contact A1 at the one end of the actuator is connected to the contact B2 at the other end of the opposite face. Similarly, the contacts B1 and A2 connect to the opposite ends at opposite faces. When voltage is applied to the contacts, the ends of the actuator bend towards the opposite directions. Consequently, the whole strip bends like the letter “S”, as shown in the schematic in Fig 10.1-B and the photo in Fig. 10.2.
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fig. 10.1. Outline of a S-shape actuator.
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Fig. 10.2. S-shape actuator in a bent configuration with the opposite driving voltage polarities.
At the very first moment it may seem that as the resistances of the metal-coated surfaces of IPMC are low, the S-curved actuator should short-circuit the voltage source via the two parallel metal electrodes. However, this does not happen. The resistances of the surfaces of an unbent actuator are low in fact. As explained in chapter 5.1 hereinabove, the resistance of the electrodes of IPMC changes in the course of bending. The inner surface of IPMC is compressed during bending and it’s resistance decreases slightly with the decreasing bending radius. The outer surface of a bending IPMC is stretched and it’s resistance increases several times when the bending radius decreases.
The driving voltage has to be increased gradually. As soon a as the actuator starts bending in some occasional region of the actuator, the surface resistance in that region grows and there is no more threat of short-circuiting. From this moment the driving voltage can be increased shortly. The simplified equivalent circuit of the actuator in the bending state looks like in Fig 10.1-B. The regions with increased and decreased surface resistance are marked as longer and shorter resistors correspondingly. The total resistance of both surfaces is considerable and the amperage of the whole circuit is under control.

The S-shaped actuator uses it’s resources more efficientlythan the “classical” cantilever actuator, actuated from one end only. The disadvantage of this construction can be the mechanical interference of the wires, increased mechanical complexity in terms of an additional pair of contacts and the weight of the contact clamp. The possible application of this configuration is a linear load-pulling actuator.

It is also possible to feed the contacts at both ends of the actuator with the voltage of the same polarity. As the result the actuator bends at the both ends to the same direction.

It has to be pointed out that the force blocking the actuator must be small: if the actuator cannot bend at all, the effect of surface resistance will not appear, and the actuator will still short-circuit the voltage source. It would be useful to implement the feedback of electric current to prevent damage of the voltage source and the actuator.
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