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Abstract: Printed electronic devices are attracting significant interest due to their versatility and
low cost; however, quality control during manufacturing is a significant challenge, preventing the
widespread adoption of this promising technology. We show that terahertz (THz) radiation can be
used for the in situ inspection of printed electronic devices, as confirmed through a comparison with
conventional electrical conductivity methods. Our in situ method consists of printing a simple test
pattern exhibiting a distinct signature in the THz range that enables the precise characterization of the
static electrical conductivities of the printed ink. We demonstrate that contactless dual-wavelength
THz spectroscopy analysis, which requires only a single THz measurement, is more precise and
repeatable than the conventional four-point probe conductivity measurement method. Our results
open the door to a simple strategy for performing contactless quality control in real time of printed
electronic devices at any stage of its production line.

Keywords: printed electronics; inkjet printing; terahertz time-domain spectroscopy; vortex phase
plate; vortex beam

1. Introduction

Printable electronics (PE) is an advanced manufacturing technology that is of significant interest to
a large range of industries, from consumer goods, electronics, aerospace, automotive, pharmaceutical,
biomedical, to textiles and fashion [1–5]. It offers an attractive alternative to conventional circuit
manufacturing by enabling lower-cost, maskless, and rapid production of customized electronic
devices [6]. PE is compatible with a wide range of substrates, as long as they are not porous and
can resist all fabrication steps, including pre- and post-printing processes [7]. In addition, various
kinds of conductive, semi-conductive, and dielectric inks are now commercially available. Therefore,
PE allows the realization of unique electronic components that can be bent, twisted and stretched,
all while retaining their electrical properties [8–11]. In recent years, the development of various
contact- and non-contact printing technologies, such as flexography, gravure, screen- or inkjet-printing,
has advanced significantly [6]. Post-printing processes also play a key role in the manufacturing
of PE devices. The most commonly used sintering approaches are conventional thermal annealing,
electrical sintering, microwave, and photonic sintering by either continuous-wave laser irradiation or
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high-power flashing lamps [7,12]. While the spatial resolution and definition of the device are related
to the printing method, the quality of the electrical properties of the printed devices is directly related
to the post-printing process [12]. Particularly, the solid and uniform dielectric or metallic tracks from
the printed pattern are obtained during this step.

The quality of PE devices can be evaluated using different types of microscopy, such as atomic
force microscopy, scanning electron microscopy or optical microscopy [13,14], which are well-established
tools for analyzing the surface morphology of materials. Nevertheless, these techniques are expensive,
slow, and allow limited surface area observation. Other types of characterization techniques, such as
crystallography analysis, thermography, elecro- or photo-luminescence, are also time-consuming and
require special conditions, such as vacuum or helium environments, to avoid noise and damage [15–18].
The electrical conductivity of printed traces in flexible PE circuits is assessed using conventional
methods drawn from the electronics industry, e.g., the flying probes or four-point probe method (4PP).
However, these techniques cannot be envisioned for high-volume roll-to-roll (R2R) printing since
in-line contact methods are not compatible with continuous manufacturing tools. Thus, a non-contact
conductivity characterization method is necessary.

Traditional graphic art printing or off-set printing used in the manufacture of full-color magazines,
posters, packaging, etc., evaluates print quality using a color control bar (GATF Standard Offset Color
Bar) [19]. Using a densitometer or a spectrophotometer, these bars allow for accurate determination of
ink density, dot gain, and screen angle accuracy. Generally, the color control bars are printed away
from the immediate image area, and are often cut off or hidden during final assembly. Similarly, for PE
production, an in situ quality control characterization technique has to be developed. Time-domain
spectroscopy (TDS), using electromagnetic terahertz (THz) radiation, i.e., for frequencies ranging
from 100 GHz to 10 THz, is a powerful tool that allows non-destructive characterization, and which
is very sensitive to the conductivity of matter [20,21]. THz waves have previously been used to
characterize carbon printed ink with the THz imaging method [22]. However, for high volume
production, such approach is time consuming and may require complicated data analysis to efficiently
recover the conductive property of the printed devices. Alternatively, THz engineered structures, such
as metamaterials [23], can exhibit a strong response in transmission- or reflection-type geometries
with a high dependency on material conductivity [24,25]. Therefore, it can provide a straightforward
sensing tool to retrieve the conductive property of the printed ink. Already, THz metamaterials printed
by inkjet [26–29], digital aerosol jet [30], laser printing [31] or electro-hydrodynamic jet [32–34] printing
have been reported, allowing for rapid fabrication of THz metamaterial-based sensors and functional
THz devices using PE methods [27–34].

In this work, a THz engineered resonance structure has been developed as a quality control bar to
probe the post-printing manufacturing process of PE devices. Our objectives were to determine the
transmission resonant behavior of a control bar using THz waves as a function of ink conductivity
and to link the THz frequency conductivity with the static conductivity of printed devices that are
manufactured simultaneously (i.e., with the same sintering condition). As illustrated in Figure 1,
we have performed a comparative study between THz inspection of a resonant printed structure
against conventional conductivity measurement methods on a printed structure, i.e., using multimeter
(MM), four-point probe (4PP) and atomic force microscopy (AFM). Our THz measurements are
well-correlated with the non-resonant printed structure conductivities and confirm the ability to
determine the quality of the post-printing manufacturing process of PE devices by THz inspection
of a simple control bar showing a distinctive response in the THz frequency range. To retrieve
the resonance response of our control bar, standard terahertz time-domain spectroscopy (THz-TDS)
was utilized. In addition, the well-known THz transmission method was compared through a novel
dual-wavelength THz spectroscopy (DWTS) analysis. We show that DWTS determines the conductivity
of the PE device using a single scan measurement. Additionally, our method does not rely on THz
phase-sensitive measurements, and is therefore ideally suited for next-generation low-cost THz emitters
and sensors [35,36] and opens the door to contactless in situ quality control of PE devices.
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Figure 1. Sketch depicting the provided measurements: atomic force microscopy (AFM), four-point
probe (4PP), multimeter, terahertz time-domain spectroscopy (THz-TDS). The left inset is the visible
image of the center part of a printed vortex phase plate (VPP). The right inset shows one representative
V-shaped antenna unit with the geometrical parameters. Dimensions of p = 600 µm, w = 30 µm,
β = 45◦ were kept the same for all antennas. The length of the slit h = 234, 246, 270, 450 µm and the
angle between slits θ = 130◦, 120◦, 100◦, 60◦ according to order of antennas in [37].

2. Materials and Methods

2.1. Sample Fabrication

We designed a special printed pattern sample consisting of two parts: (i) a resonant structure at
THz frequency, and (ii) a rectangular “patch” sample. These two patterns will serve as comparative
tools between THz spectroscopy and conventional methods, respectively. As shown in Figure 1,
the resonant “control bar” consists of a THz vortex phase plate (VPP) made of V-shape antennas [37],
whereas the “patch” consists of a 1× 10 mm2 printed rectangular shape.

The unit cell design of the VPP antenna yields a specific resonant response to electromagnetic
waves, and as commonly known for metamaterial structures, these properties are preserved in a
macroscopic medium fabricated from their individual units. Similarly, as for electrically tunable
metamaterials, here the variability in resonance response was probed as a function of ink conductivity.
As expected for metamaterials, a printed VPP sample with lower conductivity will cause the resonance
to be damped [38].

The VPP with topological number l = 1 was designed according to the work of Jignwen He et al. [37].
It is made of eight sectors, which supply a phase changing from 0 to 2π with a step size of π/4. Each
sector was formed from one type of V-shaped antenna, as depicted in the right inset of Figure 1, and
made from two rectangular slits attached at one end at a specific angle (θ). Similarly, like [37], we
kept all geometrical aspect values of angles θ and β, whereas β was the angle between the bisector
line of a V-shaped antenna and the x-axis. Due to the resolution of our printer, and according to the
frequency spectrum of our THz source, the dimensions of the unit cell (p) and the length of the slit (h)
were increased three-fold. A feature width (w) of 30 µm was set and chosen according to the minimum
dimension of printed silver ink traces, only limited by the printer spatial resolution. The right inset
of Figure 1 illustrates one of the eight types of antennas with the notation of geometrical parameters.
The full sample area consisted of 30× 30 V-shaped antennas, with its central frequency expected to be
around 0.25 THz.

All samples were printed using a Ceradrop F-Serie Inkjet Printer (Limoges, France) with 1 pl
Dimatix cartridge (FUJIFILM Dimatix, Santa Clara, CA, USA) that dispensed drops with a droplet
spacing (center-to-center distance between ejected drops) of 20 µm. Only one nozzle was used to
perform the printing. The jetting frequency was set at 500 Hz. We used a commercially available
conductive silver ink DGP 40TE-20C (ANP, Pleasanton, CA, USA) that contains silver nanoparticles



Sensors 2019, 19, 444 4 of 11

(Ag NPs) of sizes around 50 nm with 30–35 wt.% in triethylene glycol monomethyl ether solvent [39].
The substrate used for printing was a heat-stabilized polyethylene terephthalate (PET) polyester
film (Melinex ST505, New Berlin, WI, USA). The chuck was maintained at a constant temperature
of 60 ◦C during the printing process. An in situ Adphos Near Infrared (NIR) Dryer Module
CER-42-250 (Bruckmühl, Germany) was used to perform the annealing step of the printed patterns.
The displacement time of the lamp was varied from 0.03 s/mm to 0.2 s/mm in order to obtain a set
of samples with different thermal histories, resulting in a range of conductivities. A confocal laser
microscope (Olympus LEXT OLS4000, Center Valley, PA, USA) was used to determine the thickness of
the printed structure, which was found to be around 400 nm. The precise definition of the V-shaped
antennas observed in the left inset of Figure 1 confirms the ability of the inkjet printer to achieve the
proper design.

2.2. THz Time-Domain Spectroscopy (THz-TDS)

Assessments of the VPP control pattern were performed using THz-TDS measurements.
An ultrafast Ti:Sapphire oscillator laser with a center wavelength of 805 nm producing pulses with
a duration of ∼20 fs and a repetition rate of 80 MHz was used in combination with two LT-GaAs
photoconductive antennas from Teravil (Vilnius, Lithuania). A beam splitter 80:20 splits the laser beam
into an optical pump and a probe beam for THz generation and detection, respectively. The emitter
and the detector were placed in front of each other, separated by a distance of around 40 cm. An optical
chopper at 330 Hz was placed just after the emitter, allowing for lock-in detection. The samples were
placed between the emitter and detector at normal incidence for transmission spectroscopy in air at
room temperature and pressure.

To obtain the THz transmission value of the VPP sample, two THz pulses were acquired in
the time domain, i.e., the reference (Ere f (t)) and the sample (Esam(t)) signals, as shown in Figure 2a.
An unpatterned PET substrate served as a reference. The normalized transmission T(ω) was obtained
in the frequency domain using the following relation [40]:

T(ω) =

∣∣∣∣∣ Ere f (ω)

Esam(ω)

∣∣∣∣∣. (1)

The vortex beam retained its shape after propagating through a homogeneous medium or at the
focus of a lens [41]. This point is crucial in order to still be able to retrieve the transmission dip at
vortex frequency using a single pixel detector (i.e., at the focus of a photoconductive THz detector).
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Figure 2. (a) time-domain spectra of VPP and its reference; (b) transmitted amplitude THz spectra of a
VPP and a substrate. Representation of dual-wavelength THz spectroscopy (DWTS) principle: with
transmitted amplitude spectrum of the VPP and a substrate, where we can see the transmission dip
from ω1 to ω2 and no difference from ω3 to ω4.
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2.3. Dual-Wavelength THz Spectroscopy (DWTS)

The analysis of THz-TDS data via normalized amplitude in the frequency domain required
two THz measurements: reference and signal, respectively. Unfortunately, these measurements
are sensitive to environmental conditions, which could induce some unwanted variations between
each subsequent measurement. For spectroscopic methods in the visible and ultraviolet range, such
unwanted fluctuations are often avoided by a dual wavelength measurement approach. The principle
is simple: simultaneously measuring at two wavelengths (reference and signal) and recording the
difference values at these wavelengths, also called balanced measurement [42–45]. This method has
been used in the medical field to extract the concentration of drugs in tablets using UV radiation [43,44].
The idea of such methods is to find an intensity dependence ratio between the active element (signal)
and the matrix (reference). After a proper calibration, this value is directly proportional to the
concentration of an element of interest.

Conventional photoconductive THz antennas emit THz radiation that covers a broad range of
frequencies, e.g., typically from 100 GHz to 10 THz. Therefore, differentiating between two distinct
signal frequencies, within the same pulse spectrum, is a straightforward manipulation. As shown
in Figure 2b, the process involves the extraction of a signal defined by a specific and narrowband
range of frequencies, i.e., from ω1 to ω2, which exhibits a distinctive response proportional to the
desired parameter (e.g., conductivity). A second frequency range, from ω3 to ω4, where no sign of
absorption from the sample is detected, is used as reference information. The ratio between these two
zones provides information about a transmission level corresponding to the parameter behavior under
investigation. Since both signals are taken simultaneously, the noise from the ambient condition is
suppressed in the normalization process:

I =

∫ ω2
ω1
|Esam(ω)|dω∫ ω4

ω3
|Esam(ω)|dω

, (2)

where I is the value of ratio and |Esam(ω)| is the amplitude signal of the THz spectrum.

2.4. Comparison with Conventional Techniques

To validate the viability of characterizing printed electronics by electromagnetic THz waves, we
employed two conventional conductivity measurement techniques: a multimeter with two probes
and the state-of-the-art four-point probe methods. In addition, we performed AFM measurements
of the surface morphology. Using a conventional multimeter instrument (MM) and two microprobes
(S-shaped tungsten micro-probe tips), the electrical conductivity of a print pattern can be extracted
using the following equation:

σ =
L

RAc
, (3)

where σ is the electrical conductivity, R is measured resistance, L and Ac are the length and the
cross-section area of a tested printed structure, respectively [13].

For higher precision, the four-point probe method (4PP) enables precise measurements of the
electrical conductivity for a tiny sample within the area of the 4PP arrangement. To ensure a perfect
match between our sample size and the 4PP tips, the spacing between probes was set to 100 µm
(MCW-28-7188, GGB industries, Naples, FL, USA ). The measurement with 4PP provides a sheet
resistance in which the conductivity value is extracted using the following equation [46]:

σ =
ln2
πtR

, (4)

where the geometric factor ln2/π describes the current rings emanating from the outer probe tips [46],
t is the thickness of the patch and R is the measured sheet resistance.
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To confirm the good agreement between the conductivity of the printed control bar and the
conductivity value of the patch, we also measured the resistance of a V-shaped antenna with two
microprobes (2MP) and extracted its conductivity using Equation (3). Finally, to ensure that the
sintering speed was responsible for the changes in conductivity, the surface morphologies of the
printed samples were characterized using the AFM (EnviroScope, Santa Barbara, CA, USA) system in
tapping mode.

3. Results and Discussion

Five VPP samples with different conductivities were characterized by the THz-TDS described
above. The conductivity of each sample was controlled by varying the sintering time. One of the
samples (non-sintered) was not sintered by the lamp, but was slightly sintered during the printing
step, since the chuck was held at a constant temperature of 60 ◦C. Figure 3a illustrates the normalized
transmission amplitude of the different VPP samples, which were obtained from Equation (1). A dip
in the transmission is observed due to the generation of a vortex beam at 0.22 THz, as expected [37].
As mentioned previously, a higher resonance response (i.e., which translates to a lower transmission at
0.22 THz) indicates a sample with higher electrical conductivity.

To validate the accuracy of THz sensing of vortex plates as a function of material conductivity, we
performed finite difference time domain (FDTD) simulations using the Lumerical software. Linearly
polarized waves and perfectly matched layer boundary conditions were used in the simulation.

Figure 3b shows the simulated transmission spectra of VPPs with defined and uniform
conductivities of a hypothetical printed metal. We placed VPP in the air in order to avoid Fabry–Perot
resonances from the substrate. We can observe three transmission dips; the strongest one at 0.265 THz
represents the central frequency of VPP. Compared to experiments, the red shift of the central frequency
is explained by the absence of the PET substrate.

The simulation and experiment differ in the degree of transmission difference as a function of
metal conductivity. We attribute this difference to the perfect reading of the central vortex information
in the simulated case. Essentially, the photoconductive antenna reads a spatially integrated range
of information containing the central intensity part of a donut shaped beam, together with a large
contribution from its wings. Nevertheless, the numerical simulations are in good agreement with
experimental findings.

Figure 3c gives the measured conductivity of five samples using three different methods: 2MP,
4PP, THz-TDS and DWTS as a function of sintering speed. The 4PP method was performed on the patch
samples, while 2MP, THz-TDS and DWTS measurements provide the corresponding conductivity
results from the VPP samples. The function of the value of the dip in transmission against the
conductivity of VPP was also simulated, as shown in Figure 3d. It is important to note that this
function clearly reveals the extremely high sensitivity of THz wave sensing for low conductivity
samples (e.g., below 1× 107 S/m, the blue dotted region in inset). Above this conductivity value,
the dip in transmission exhibits less sensitivity, with an almost saturated behavior (i.e., closer to a
perfect metal resonance).

To compare the performance of THz-TDS and 4PP, the THz transmission amplitudes at 0.22 THz
were calibrated to the expected conductivity values obtained from 4PP. Since the 4PP measurements
cover a limited range of conductivity, from 1× 106 to 3× 106 S/m, a simple calibration using a linear
fit was chosen (in agreement with inset of Figure 3d, with the non-sintered sample as the starting
point. In Figure 3c, the similar increases in conductivity behavior as a function of sintering exposure
time for the measurements taken by THz-TDS and 4PP is observed. More importantly, all sintering
conditions are well discriminated by THz measurements, whereas 4PP failed in differentiating the
three lowest conductivity conditions (i.e., <1.5× 106 S/m), as well as the two highest conductivity
conditions (i.e., >2.5× 106 S/m). In addition, we repeated the measurements ten times for each method
and calculated the standard deviation. Interestingly, THz-TDS exhibits better repeatability than the
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conventional 4PP method. We attribute this difference to the contactless nature of the THz method:
4PP can locally damage the ink surface and may render repeated measurement less accurate.

Frequency, THz
0.15 0.2 0.25

1.00

0.90

0.84

0.82N
or

m
al

iz
ed

 tr
an

sm
is

si
on

0.94

0.45 0.5

σ=1.16x106 S/m
σ=1.31x106 S/m
σ=1.42x106 S/m
σ=2.61x106 S/m
σ=2.77x106 S/m

0.1

0.86

0.88

0.92

0.96

0.98

0.40.3 0.350.80

a

σ=2.5x104 S/m
σ=2.5x105 S/m
σ=2.5x106 S/m
σ=6.3x107 S/m

0.35 0.40.15 0.2 0.30.25 0.45 0.5
Frequency, THz

1.00

0.90

0.85

0.80

N
or

m
al

iz
ed

 tr
an

sm
is

si
on

0.95

0.70

0.65

0.60

0.75

0.1
0.55

b

Sintering time, s/mm
0.06 0.09 0.210.18

C
on

du
ct

iv
ity

, S
/m

0.03
0.5

NS 0.150.12

1.0

1.5

2.0

2.5

3.0

3.5

2 MP
4 PP
THz-TDS
DWTS

x106c

3 54

0.65

0.70

0.75

N
or

m
al

iz
ed

 tr
an

sm
is

si
on

 a
t 0

.2
6 

TH
z

0.80

0.60

Fitting curve
Simulation results0.85

0.90

60
x107

71 2
Conductivity, S/m

d

0.55

1.51.0 2.0 2.5

0.70

0.75

N
or

m
al

iz
ed

 tr
an

sm
is

si
on

 a
t 0

.2
6 

TH
z

0.80

0.85

0.5
x106Conductivity, S/m

Figure 3. (a) normalized transmission spectra of experimental results; (b) simulated normalized
transmission spectra with finite difference time domain (FDTD) method; (c) comparison of the
conductivity values obtained by two microprobes (2MP) (violet), 4PP (red), normalized transmission
from THz-TDS (blue) and DWTS (green) as a function of sintering time; (d) simulated transmission
amplitude at 0.26 THz vs. conductivity.

In the second step, using the data obtained from THz-TDS measurements, we analyzed the sample
signal by the DWTS method. The two frequency ranges were 0.195–0.244 THz and 0.615–0.664 THz,
for the signal and reference, respectively (see Figure 2b). In order to perform the measurement in
ambient conditions, the reference frequency range was chosen to avoid the water absorption lines
that can occur due to ambient humidity. Similarly to THz-TDS transmission data, the integral values
from DWTS were normalized and calibrated with respect to the retrieved conductivity using the 4PP
method. The behavior follows the expected static conductivity, but more importantly, the repeatability
is four times better than the conventional 4PP method.

In the final step, we review the analysis done on the patch versus VPP samples using the various
methods described previously. Table 1 summarizes the obtained results. In order to establish a
comparative measurement performance, we carried out several resistance measurements at different
locations for the patch and V-shaped antenna and present their relative standard deviation (RSD). As
mentioned previously, the 4PP and multimeter retrieved the resistance on the patch. To clearly validate
that VPP conductivity is linked to the patch conductivities, 2MP were also used to evaluate the VPP
resistance directly. It has to be mentioned that, due to the extremely small effective volume of VPP unit
cell, the 2MP method can easily over- or underestimate the conductivity (e.g., conductivity dependency
on sample volume, as shown in Equation (3)). However, the 2MP measurements confirmed the good
agreement between the sintering exposure time for the patch and VPP samples together.
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In order to confirm the provided conductivity measurements, the evolution of the sintering of Ag
ink was studied using AFM analysis at five different sintering stages. The last row of Table 1 depicts
the printed ink surfaces after sintering. The non-NIR-sintered sample (NS) showed poor contact
between Ag NPs, resulting in the lowest conductivity (1.15× 106 S/m). The sample with the shortest
annealing time (0.03 s/mm) depicted the next stage of the sintering, necks began to grow between NPs
prompted by surface energy minimization. With a longer annealing time of 0.05 s/mm, the NPs get
more compact and the printed structure densifies. The slight increase of annealing time to 0.07 s/mm
led to a further increase in conductivity. The longest annealing time (0.2 s/mm) led to the highest
density and the highest conductivity (2.77× 106 S/m). According to AFM observations of the surface
morphology of the samples, the obtained samples were consistent with the sintering parameters and
measurements of the conductivity with different techniques.

As can also be seen in Table 1, as expected, the measurements provided by a conventional
multimeter were the least precise since the probes of the multimeter easily break the surface of the
patch after contact. Meanwhile, the micro-probe provides a safer way to avoid destroying the sample
surface. The average conductivities measured with the different techniques are in the same range,
and have similar behavior as a function of the sintering time. It should be emphasized that the trend
in electrical static conductivity measurements on the printed patch and the VPP using the different
techniques are all in good agreement. This confirms the feasibility of characterizing the variability in
ink conductivity during mass production of PE devices simply by reading a test structure. Finally, the
best RSD for repeatability was obtained for DWTS and THz-TDS.

Table 1. Comparison between terahertz time-domain spectroscopy (THz-TDS) and conventional
techniques. The scale of atomic force microscopy (AFM) images is the same for all figures.

Sintering Time Not Sintered 0.03 s/mm 0.05 s/mm 0.07 s/mm 0.2 s/mm

C
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du
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y,
×
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S/
m

O
bt

ai
ne
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by

4 PP 1.15 ± 4.70% 1.31 ± 4.47% 1.42 ± 10.3% 2.61 ± 8.67% 2.77 ± 9.82%

MM 1.10 ± 21.1% 1.19 ± 12.1% 1.48 ± 17.9% 2.15 ± 22.2% 3.01 ± 36.7%

2MP 1.23 ± 6.59% 1.28 ± 8.44% 1.49 ± 8.73% 2.29 ± 6.83% 2.51 ± 7.58%

THz-TDS 1.08 ± 6.14% 1.38 ± 3.06% 1.75 ± 1.55% 2.14 ± 2.52% 2.91 ± 2.77%

DWTS 1.06 ± 3.44% 1.37 ± 1.28% 1.78 ± 1.21% 2.18 ± 1.44% 2.89 ± 1.80%

AFM

4PP—four-point probe; MM—multimeter; 2MP—two microprobes; THz-TDS—terahertz time-domain
spectroscopy; DWTS—dual-wavelength terahertz spectroscopy; AFM—atomic force microscopy.

4. Conclusions

In conclusion, we developed a quality control bar for industrial production of PE devices based
on a VPP working in the THz range. The VPP was formed from V-shaped antennas with a central
frequency at 0.220 THz. The samples were printed with commercially available ink consisting of
silver nanoparticles, and a commercial inkjet printer was used for the fabrication. The conductivities
of the printed samples were varied by changing the speed of a near-infrared heater. THz-TDS was
employed to analyze the transmission properties of printed VPP. Our results showed that the THz
transmission response of a resonant sample enables to follow the changes in sintering condition of
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the printed ink. We validated our results with a simulation study and introduced DWTS as a simple
and fast method to quickly determine the transmission response of VPP. Our analysis also confirms
the similar conductivity behavior between adjacent printed structures and VPP sample as function of
sintering exposure time. This important observation enables to track the changes in sintering process
of PE devices during the manufacturing process using a simple control bar.

Finally, using the conventional four-point-probe method as a reference, we confirmed that a
calibrated quality control bar in the shape of the VPP could be used to determine the static electrical
properties of non-resonant printed devices that are printed simultaneously with the VPP samples.
Being a non-contact method, it is highly suitable for in-line characterization of high-speed roll-to-roll
printing repeatability of PE devices.

Author Contributions: M.Z., X.R. and F.B. designed the experiments and conceived this study. C.T. and M.B.
fabricated the samples. M.Z. performed the experimental measurements and simulation under supervision of
R.J.Z. and F.B. The manuscript was written through contributions by all the authors. All authors have given
approval for the final version of the manuscript.

Funding: F.B. gratefully acknowledges financial support from The Natural Sciences and Engineering Research
Council (NSERC) Grant No. RGPIN-2016-05020, the Fonds de recherche du Québec—Nature et technologies
(FRQNT) and the ÉTS Chair in THz optoelectronics. R.J.Z. gratefully acknowledges financial support from NSERC
Grant No. RGPIN-2015-04185.

Conflicts of Interest: The authors declare no conflict of interest.

References

1. Jenkins, G.; Wang, Y.; Xie, Y.L.; Wu, Q.; Huang, W.; Wang, L.; Yang, X. Printed electronics integrated with
paper-based microfluidics: New methodologies for next-generation health care. Microfluid. Nanofluid. 2015,
19, 251–261. [CrossRef]

2. Liu, Y.; Pharr, M.; Salvatore, G.A. Lab-on-skin: A review of flexible and stretchable electronics for wearable
health monitoring. ACS Nano 2017, 11, 9614–9635. [CrossRef] [PubMed]

3. Singh, M.; Haverinen, H.M.; Dhagat, P.; Jabbour, G.E. Inkjet printing—Process and its applications.
Adv. Mater. 2010, 22, 673–685. [CrossRef] [PubMed]

4. Wang, X.; Liu, J. Recent advancements in liquid metal flexible printed electronics: Properties, technologies,
and applications. Micromachines 2016, 7, 206. [CrossRef]

5. Perelaer, J.; Smith, P.J.; Mager, D.; Soltman, D.; Volkman, S.K.; Subramanian, V.; Korvink, J.G.; Schubert, U.S.
Printed electronics: The challenges involved in printing devices, interconnects, and contacts based on
inorganic materials. J. Mater. Chem. 2010, 20, 8446–8453. [CrossRef]

6. Khan, S.; Lorenzelli, L.; Dahiya, R. Technologies for printing sensors and electronics over large flexible
substrates: A review. IEEE Sens. J. 2014, 15, 3164–3185. [CrossRef]

7. Trudeau, C.; Bolduc, M.; Beaupré, P.; Topart, P.; Alain, C.; Cloutier, S. Inkjet-printed flexible active
multilayered structures. MRS Adv. 2017, 2, 1015–1020. [CrossRef]

8. Ko, S.H.; Pan, H.; Grigoropoulos, C.P.; Luscombe, C.K.; Fréchet, J.M.J.; Poulikakos, D. All-inkjet-printed
flexible electronics fabrication on a polymer substrate by low-temperature high-resolution selective laser
sintering of metal nanoparticles. Nanotechnology 2007, 18, 345202. [CrossRef]

9. Kamyshny, A.; Magdassi, S. Conductive nanomaterials for printed electronics. Small 2014, 10, 3515–3535.
[CrossRef]

10. Matsuhisa, N.; Kaltenbrunner, M.; Yokota, T.; Jinno, H.; Kuribara, K.; Sekitani, T.; Someya, T. Printable elastic
conductors with a high conductivity for electronic textile applications. Nat. Commun. 2015, 6, ncomms8461.
[CrossRef]

11. Tavakoli, M.; Malakooti, M.H.; Paisana, H.; Ohm, Y.; Marques, D.G.; Alhais Lopes, P.; Piedade, A.P.;
de Almeida, A.T.; Majidi, C. EGaIn-Assisted Room-Temperature Sintering of Silver Nanoparticles for
Stretchable, Inkjet-Printed, Thin-Film Electronics. Adv. Mater. 2018, 30, 1801852. [CrossRef] [PubMed]

12. Ermak, O.; Zenou, M.; Toker, G.B.; Ankri, J.; Shacham-Diamand, Y.; Kotler, Z. Rapid laser sintering of metal
nano-particles inks. Nanotechnology 2016, 27, 385201. [CrossRef] [PubMed]

13. Kang, J.S.; Kim, H.S.; Ryu, J.; Hahn, H.T.; Jang, S.; Joung, J.W. Inkjet printed electronics using copper
nanoparticle ink. J. Mater. Sci. Mater. Electron. 2010, 21, 1213–1220. [CrossRef]

http://dx.doi.org/10.1007/s10404-014-1496-6
http://dx.doi.org/10.1021/acsnano.7b04898
http://www.ncbi.nlm.nih.gov/pubmed/28901746
http://dx.doi.org/10.1002/adma.200901141
http://www.ncbi.nlm.nih.gov/pubmed/20217769
http://dx.doi.org/10.3390/mi7120206
http://dx.doi.org/10.1039/c0jm00264j
http://dx.doi.org/10.1109/JSEN.2014.2375203
http://dx.doi.org/10.1557/adv.2017.237
http://dx.doi.org/10.1088/0957-4484/18/34/345202
http://dx.doi.org/10.1002/smll.201303000
http://dx.doi.org/10.1038/ncomms8461
http://dx.doi.org/10.1002/adma.201801852
http://www.ncbi.nlm.nih.gov/pubmed/29845674
http://dx.doi.org/10.1088/0957-4484/27/38/385201
http://www.ncbi.nlm.nih.gov/pubmed/27514079
http://dx.doi.org/10.1007/s10854-009-0049-3


Sensors 2019, 19, 444 10 of 11

14. Chen, W.; Nikiforov, M.P.; Darling, S.B. Morphology characterization in organic and hybrid solar cells.
Energy Environ. Sci. 2012, 5, 8045–8074. [CrossRef]

15. Rossander, L.H.; Zawacka, N.K.; Dam, H.F.; Krebs, F.C.; Andreasen, J.W. In situ monitoring of structure
formation in the active layer of polymer solar cells during roll-to-roll coating. AIP Adv. 2014, 4, 87105.
[CrossRef]

16. Hedström, S.; Henriksson, P.; Wang, E.; Andersson, M.R.; Persson, P. Temperature-Dependent Optical
Properties of Flexible Donor-Acceptor Polymers. J. Phys. Chem. C 2015, 119, 6453–6463. [CrossRef]

17. Pastorelli, F.; Accanto, N.; Jørgensen, M.; Hulst, N.F.; Krebs, F.C. In situ electrical and thermal monitoring of
printed electronics by two-photon mapping. Sci. Rep. 2017, 7, 3787. [CrossRef] [PubMed]

18. Rösch, R.; Krebs, F.C.; Tanenbaum, D.M.; Hoppe, H. Quality control of roll-to-roll processed polymer solar
modules by complementary imaging methods. Sol. Energy Mater. Sol. Cells 2012, 97, 176–180. [CrossRef]

19. Pipes, A. Prepress. In Production for Graphic Designers, 4th ed.; Webb, N., Ed.; Laurence King Publishing:
London, UK, 2005; pp. 166–167.

20. Ferguson, B.; Zhang, X.C. Materials for terahertz science and technology. Nat. Mater. 2002, 1, 26. [CrossRef]
21. Mittleman, D. Terahertz imaging. In Sensing with Terahertz Radiation; Mittleman, D., Ed.; Springer:

Berlin/Heidelberg, Germany; New York, NY, USA, 2003; pp. 117–153.
22. Zeng, Y.; Edwards, M.; Stevens, R.; Bowen, J.W.; Donnan, R.S.; Yang, B. Terahertz characterisation of UV

offset lithographically printed electronic-ink. Org. Electron. 2017, 48, 382–388. [CrossRef]
23. Yen, T.J.; Padilla, W.; Fang, N.; Vier, D.; Smith, D.; Pendry, J.; Basov, D.; Zhang, X. Terahertz magnetic

response from artificial materials. Science 2004, 303, 1494–1496. [CrossRef] [PubMed]
24. Singh, R.; Azad, A.K.; O’Hara, J.F.; Taylor, A.J.; Zhang, W. Effect of metal permittivity on resonant properties

of terahertz metamaterials. Opt. Lett. 2008, 33, 1506–1508. [CrossRef]
25. Hokari, R.; Kurihara, K.; Takada, N.; Hiroshima, H. Printed optical metamaterials composed of embedded

silver nanoparticles for flexible applications. Opt. Express 2018, 26, 10326–10338. [CrossRef] [PubMed]
26. Walther, M.; Ortner, A.; Meier, H.; Löffelmann, U.; Smith, P.J.; Korvink, J.G. Terahertz metamaterials

fabricated by inkjet printing. Appl. Phys. Lett. 2009, 95, 251107. [CrossRef]
27. Lee, D.; Sung, H.K.; Lim, S. Flexible subterahertz metamaterial absorber fabrication using inkjet printing

technology. Appl. Phys. B 2016, 122, 206. [CrossRef]
28. Lee, S.H.; Gee, S.Y.; Kang, C.; Kee, C.S. Terahertz wave transmission properties of metallic periodic structures

printed on a photo-paper. J. Opt. Soc. Korea 2010, 14, 282–285. [CrossRef]
29. Sushko, O.; Pigeon, M.; Donnan, R.S.; Kreouzis, T.; Parini, C.G.; Dubrovka, R. Comparative study of sub-THz

FSS filters fabricated by inkjet printing, microprecision material printing, and photolithography. IEEE Trans.
Terahertz Sci. Technol. 2017, 7, 184–190. [CrossRef]

30. Jahn, D.; Eckstein, R.; Schneider, L.M.; Born, N.; Hernandez-Sosa, G.; Balzer, J.C.; Al-Naib, I.; Lemmer, U.;
Koch, M. Digital Aerosol Jet Printing for the Fabrication of Terahertz Metamaterials. Adva. Mater. Technol.
2018, 3, 1700236. [CrossRef]

31. Kim, H.; Melinger, J.S.; Khachatrian, A.; Charipar, N.A.; Auyeung, R.C.; Piqué, A. Fabrication of terahertz
metamaterials by laser printing. Opt. Lett. 2010, 35, 4039–4041. [CrossRef]

32. Tenggara, A.P.; Park, S.; Yudistira, H.T.; Ahn, Y.; Byun, D. Fabrication of terahertz metamaterials using
electrohydrodynamic jet printing for sensitive detection of yeast. J. Micromech. Microeng. 2017, 27, 035009.
[CrossRef]

33. Teguh Yudistira, H.; Pradhipta Tenggara, A.; Dat Nguyen, V.; Teun Kim, T.; Dian Prasetyo, F.; Choi, C.G.;
Choi, M.; Byun, D. Fabrication of terahertz metamaterial with high refractive index using high-resolution
electrohydrodynamic jet printing. Appl. Phys. Lett. 2013, 103, 211106. [CrossRef]

34. Paulsen, A.; Nahata, A. K-space design of terahertz plasmonic filters. Optica 2015, 2, 214–220. [CrossRef]
35. Sengupta, K.; Hajimiri, A. A 0.28 THz power-generation and beam-steering array in CMOS based on

distributed active radiators. IEEE J. Solid-State Circuits 2012, 47, 3013–3031. [CrossRef]
36. Wu, X.; Sengupta, K. Dynamic waveform shaping with picosecond time widths. IEEE J. Solid-State Circuits

2017, 52, 389–405. [CrossRef]
37. He, J.; Wang, X.; Hu, D.; Ye, J.; Feng, S.; Kan, Q.; Zhang, Y. Generation and evolution of the terahertz vortex

beam. Opt. Express 2013, 21, 20230–20239. [CrossRef] [PubMed]
38. Fan, K.; Padilla, W.J. Dynamic electromagnetic metamaterials. Mater. Today 2015, 18, 39–50. [CrossRef]

http://dx.doi.org/10.1039/c2ee22056c
http://dx.doi.org/10.1063/1.4892526
http://dx.doi.org/10.1021/jp511246n
http://dx.doi.org/10.1038/s41598-017-03891-7
http://www.ncbi.nlm.nih.gov/pubmed/28630435
http://dx.doi.org/10.1016/j.solmat.2011.10.005
http://dx.doi.org/10.1038/nmat708
http://dx.doi.org/10.1016/j.orgel.2017.06.012
http://dx.doi.org/10.1126/science.1094025
http://www.ncbi.nlm.nih.gov/pubmed/15001772
http://dx.doi.org/10.1364/OL.33.001506
http://dx.doi.org/10.1364/OE.26.010326
http://www.ncbi.nlm.nih.gov/pubmed/29715971
http://dx.doi.org/10.1063/1.3276544
http://dx.doi.org/10.1007/s00340-016-6482-0
http://dx.doi.org/10.3807/JOSK.2010.14.3.282
http://dx.doi.org/10.1109/TTHZ.2017.2662582
http://dx.doi.org/10.1002/admt.201700236
http://dx.doi.org/10.1364/OL.35.004039
http://dx.doi.org/10.1088/1361-6439/aa5a9f
http://dx.doi.org/10.1063/1.4832197
http://dx.doi.org/10.1364/OPTICA.2.000214
http://dx.doi.org/10.1109/JSSC.2012.2217831
http://dx.doi.org/10.1109/JSSC.2016.2616349
http://dx.doi.org/10.1364/OE.21.020230
http://www.ncbi.nlm.nih.gov/pubmed/24105568
http://dx.doi.org/10.1016/j.mattod.2014.07.010


Sensors 2019, 19, 444 11 of 11

39. Bolduc, M.; Trudeau, C.; Beaupré, P.; Cloutier, S.; Galarneau, P. Thermal dynamics effects using pulse-shaping
laser sintering of printed silver inks. Sci. Rep. 2018, 8, 1418. [CrossRef]

40. Jepsen, P.U.; Cooke, D.G.; Koch, M. Terahertz spectroscopy and imaging–Modern techniques and
applications. Laser Photonics Rev. 2011, 5, 124–166. [CrossRef]

41. Porfirev, A.P.; Khonina, S.N. Simple method for efficient reconfigurable optical vortex beam splitting.
Opt. Express 2017, 25, 18722–18735. [CrossRef]

42. Owen, T. Fundamentals of UV-Visible Spectroscopy: A Primer; Hewlett-Packard: Berlin, Germany, 1996.
43. Abdelwahab, N.S.; El-Zeiny, B.A.; Tohamy, S.I. Two spectrophotometric methods for simultaneous

determination of some antihyperlipidemic drugs. J. Pharm. Anal. 2012, 2, 279–284. [CrossRef]
44. Pötter, W.; Karst, U. Identification of chemical interferences in aldehyde and ketone determination using

dual-wavelength detection. Anal. Chem. 1996, 68, 3354–3358. [CrossRef] [PubMed]
45. El Haddad, J.; Canioni, L.; Bousquet, B. Good practices in LIBS analysis: Review and advices.

Spectrochim. Acta Part B At. Spectrosc. 2014, 101, 171–182. [CrossRef]
46. Yilmaz, S. The geometric resistivity correction factor for several geometrical samples. J. Semicond. 2015,

36, 082001. [CrossRef]

c© 2019 by the authors. Licensee MDPI, Basel, Switzerland. This article is an open access
article distributed under the terms and conditions of the Creative Commons Attribution
(CC BY) license (http://creativecommons.org/licenses/by/4.0/).

http://dx.doi.org/10.1038/s41598-018-19801-4
http://dx.doi.org/10.1002/lpor.201000011
http://dx.doi.org/10.1364/OE.25.018722
http://dx.doi.org/10.1016/j.jpha.2012.02.002
http://dx.doi.org/10.1021/ac960319v
http://www.ncbi.nlm.nih.gov/pubmed/21619271
http://dx.doi.org/10.1016/j.sab.2014.08.039
http://dx.doi.org/10.1088/1674-4926/36/8/082001
http://creativecommons.org/
http://creativecommons.org/licenses/by/4.0/.

	Introduction
	Materials and Methods
	Sample Fabrication
	THz Time-Domain Spectroscopy (THz-TDS) 
	Dual-Wavelength THz Spectroscopy (DWTS)
	Comparison with Conventional Techniques 

	Results and Discussion
	Conclusions
	References

