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Characterization of ZnO:Al layers
for applications in thin film solar cells
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Thin films of zinc oxide doped with aluminium were obtained by using the magnetron sputtering
technique on glass substrates. The changes in magnetron power influence the structural, optical
and electrical properties of the ZnO:Al layers. The deposited films are characterized by very good
homogeneity and high optical transmission. Thicker films with larger agglomerates on the surface
exhibit lower resistivity with the remaining good transparency.
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1. Introduction

In thin film solar cells as well as in other optoelectronic devices like light emitting
diodes or touch screens, transparent conductive oxide (TCO) layers characterized by
high transparency and good conductivity are commonly applied [1]. In industry the
mostly used TCO material is indium tin oxide (ITO) which however is expected to be
substituted by more abundant material because of the increasing price and limited sup-
ply of indium. The most promising alternative to replace ITO, widely investigated in re-
cent years is zinc oxide (ZnO) doped with trivalent elements such as Al or Ga and In.
In the structure of a thin film solar cell, material of this type can substitute [TO as the
top electrode or can be a part of double layer back contact consisting of ZnO doped with
Al (ZnO:Al) and highly reflective materials such as aluminium or molybdenum. Back
contact of double layer structure can also act as a back reflector of unabsorbed light
increasing optical path length and finally enhancing the efficiency of the cell [2—4].
To obtain a thin film of TCO material, the following techniques among others are
applied: evaporation, sputtering, chemical vapor deposition, sol-gel deposition, spray
coating [5]. Compared to other deposition methods, magnetron sputtering, used in this
work, provides large area uniform layers with good adhesion to the substrate. Operat-
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ing the magnetron system allows to optimize numerous deposition conditions such as:
substrate temperature, the pressure in the deposition chamber, power and target—sub-
strate distance. The popular substrates usually applied for the growth of solar cell back
contact layers using magnetron are glass [3] or stainless steel [2] and polymers [6] that
make the cell flexible [7].

This article focuses on the investigation of ZnO:Al layers obtained in magnetron
sputtering system on glass substrates. The best deposition parameters were determined
by evaluation of two most important features of the layers, i.e., their transmittance and
resistance values. The microscopic study proved the correlation between microstruc-
ture and surface morphology of the layers and their optical and electrical characteristic.

2. Methods

ZnO:Al films were deposited using radio frequency (RF) magnetron sputtering system
Aliance Concept AC 450 on 1 mm thick microscope slide glass cleaned with isopropyl
alcohol, after that with ethanol, then rinsed with deionized water and dried in nitrogen.
High purity Al-doped ZnO ceramic target with 2 wt% Al,O5 of 1016 mm diameter pur-
chased from Bimo Tech was used. The preparation conditions were: presputtering time
of 5 min, sputtering time was adjusted for 60 min, magnetron power changed in the range
of 90-230 W. The target to substrate distance was 90 mm and the flow of pure Ar gas
was set 20 sccm. Using a turbo molecular pump, base pressure was 1x10~* mbar and
the working pressure was maintained at 1.8x1072 mbar. All deposition processes were
performed at room temperature. The morphology of the layers was evaluated by AFM
NT-MDT (Semi-contact, Tip NSG-03). Optical transmittance was determined by using
Shimadzu UV-160A spectrophotometer. The electrical resistance was measured at
room temperature using the four point probe method with Keithley 2000E multimeter.

3. Results and discussion

In order to obtain layers of different thickness and morphology, we deposited ZnO:Al
at different RF magnetron power which is a fundamental factor for optimization of op-
tical and electrical properties.

Figure 1 presents the optical transmittance spectra of ZnO:Al films grown on clean
glass at power value in the range of 90-230 W which means 1-2.5 W/cm?. In the vis-
ible region of the incident light, the transmittance is in the range of 75%—90% which
is a good value. Occurring of the interference fringes in transmission spectra confirms
a very good quality and homogeneity of the layers. The increase in the magnetron
power is accompanied by the increase in the layers thickness which is reflected by
higher interference frequency. The position of the interference fringes allows to de-
termine the thickness of the studied films basing on the “envelope method” developed
by MANIFACIER ef al. [8] and successfully applied in indium-doped ZnO [9].
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Fig. 1. Optical transmission spectra of ZnO:Al films deposited at different RF power.

The thickness of the layers was determined using the following equation:
A,
2(Any— Ayny)

where 4, and 4, are the wavelengths at the two adjacent maxima or minima of a trans-
mittance curve. Assuming the average value of refractive index for ZnO n=n, =
=n,=1.87 [3], we estimated thickness of the films that is presented in Table 1.
As can be seen in Fig. 1, the transmission is not affected by an increase in the films
thickness.

Table 1. The properties of the ZnO:Al films obtained at various magnetron power values.

Power Thickness Resistivity Agglomerate size

[W/cm?] [nm] [Qem] RMS [nm]
1 448 42000 5.97 50
1.5 523 11000 8.43 120
2 860 800 12.63 120
2.5 1276 390 18.87 150

Another important characteristics of the investigated ZnO:Al films which is elec-
trical resistance, seems to be significantly influenced by the layers thickness (Table 1).
The resistivity values change from 42 kQ to 390 Q which corresponds to a threefold
increase in thickness. Lower electrical resistivity is usually characteristic for better
crystalized films with larger grains in which carrier transport is less influenced by grain
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Fig. 2. AFM images of ZnO:Al films prepared at the highest and the lowest RF power: 1 W/cm? (a) and
2.5 W/em? (b).

boundaries [1, 10]. Our investigations, taking into account also AFM images analysis,
confirm that observation. Regarding the structural analysis, Fig. 2 presents example
AFM images of the thickest and thinnest obtained ZnO:Al layers which reveal the in-
creasing size of agglomerates on ZnO:Al surface with increasing thickness. In all cases,
the agglomerates consist of smaller nanoparticles visible at 1x1 um zoom (not shown
here). The more detailed data (root mean square RMS, approximate agglomerate size)
derived from AFM analysis are included in Table 1.

4. Conclusions

The ZnO:Al films of good quality and homogeneity were deposited on glass substrates
from Al-doped ZnO ceramic target by RF magnetron sputtering at room temperature.
The influence of magnetron power on the optical and electric properties of the films
were investigated. The increase in the power value results in the increase in the layers
thickness and mean size of agglomerates in the surface structure. The changes in films
morphology accompaning the growth of power value influence the improvement of
resistivity. The obtained ZnO:Al films exhibit high optical transmittance which is cru-
cial for application in thin film solar cells.

References

[1] DHANKHAR M., SINGH O.P., SINGH V.N., Physical principles of losses in thin film solar cells and
efficiency enhancement methods, Renewable and Sustainable Energy Reviews 40,2014, pp. 214-223.

[2] Jun-Sik CHO, SANGHUN BAEK, JEONG CHUL LEE, Surface texturing of sputtered ZnO:Al/Ag back
reflectors for flexible silicon thin-film solar cells, Solar Energy Materials and Solar Cells 95(7), 2011,
pp. 1852—1858.

[3] Dacamsen A.M.K., VET B., TICHELAAR F.D., SuTTA P., ZEMAN M., ZnO:Al films prepared by rf mag-
netron sputtering applied as back reflectors in thin-film silicon solar cells, Thin Solid Films 516(21),
2008, pp. 7844-7850.



Characterization of ZnO:Al layers... 185

[4] MouLIN E., PAETZOLD U.W., SIEKMANN H., WORBs J., BAUER A., CARIUS R., Study of thin-film silicon
solar cell back reflectors and potential of detached reflectors, Energy Procedia 10, 2011, pp. 106—110.

[5] GranQvisT C.G., Transparent conductors as solar energy materials: a panoramic review, Solar
Energy Materials and Solar Cells 91(17), 2007, pp. 1529-1598.

[6] FERNANDEZ S., BOLLERO A., NARANIO F.B., DE ABRIL O., GANDIA 1.J., Optimization of ZnO:Al based
back reflectors for applications in thin film flexible solar cells, Vacuum 99, 2014, pp. 56-61.

[71 WEmMIN L1, Hurying Hao, MING HE, JIE XING, HuAa GAo, JINGING DONG, ZnO:Al/Al back reflector
with good adhesion on a flexible polyimide substrate for thin film silicon solar cells, Surface and
Coatings Technology 258, 2014, pp. 991-995.

[8] MANIFACIER J.C., GasiOT J., FILLARD J.P., 4 simple method for the determination of the optical con-
stants n, k and the thickness of a weakly absorbing thin film, Journal of Physics E: Scientific Instru-
ments 9(11), 1976, pp. 1002—1004.

[9] ILicaN S. CAGLAR M. CAGLAR Y., Determination of the thickness and optical constants of transparent
indium-doped ZnO thin films by the envelope method, Materials Science — Poland 25(3), 2007,
pp. 709-718.

[10] WErI LN, Ruixin Ma, JIANSHE XUE, Bo KANG, RF magnetron sputtered ZnO:Al thin films on glass
substrates: a study of damp heat stability on their optical and electrical properties, Solar Energy
Materials and Solar Cells 91(20), 2007, pp. 1902—1905.

Received November 7, 2015



