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Abstract. Al-doped ZnO (AZO) thin films have been deposited on glass substrates using
home-made DC magnetron sputtering at room temperature. The effects of Al-doping and
sputtering power on the morphology and structure of AZO thin films were studied. X-ray
diffraction shows that all AZO thin films have a polycrystalline nature with a hexagonal
wurtzite structure. The preferential orientation planes of (100) and (110) AZO thin films were
obtained by adding 2 at% Al-doping and prepared using plasma powers of 30 and 40 Watts.
Texture coefficient (TC), crystalline size (D), lattice strain (&), and lattice constant of the (100)
and (110) planes of AZO thin film were calculated. Increasing the plasma power leads to the
enhancement of crystal quality, crystalline size and grain size of a-axis orientation. Atomic
force microscopy analysis shows that the surface of AZO thin film becomes smoother with
increasing the grain size. The growth parameters in the deposition of thin films using sputtering
technique have significant effect on morphology and structure of the films.

1. Introduction

Aluminium-doped zinc oxide (AZQ) thin film is one of ZnO-based materials that has hexagonal
wurtzite structure with a wide direct band gap [1]. The AZO thin film has high electrical resistivity
and transparency in visible and infrared wavelength [2, 3]. In addition, AZO thin film has high
chemical stability, high mechanical stability, and non-toxic and the raw materials are available in
abundance [4]. These characteristics are suitable for applications in optoelectronic devices such as
light-emitting diodes, flat panel displays, and thin-film solar cells [5]. Many deposition techniques
have been used to fabricate AZO thin films, including sol-gel technique [6], spray pyrolysis [7],
sputtering [4], pulsed laser deposition (PLD) [8], and metal organic chemical vapour deposition
(MOCVD) [9]. Generally, AZQ thin films are grown in polar (c-axis oriented) and non-polar (a-axis
oriented) planes [10]. Mostly, however, all works reported the formation of AZO thin films with ¢-axis
orientation due to the fact that the material with wurtzite structure has a high growth rate along the ¢-
axis.

In the fabrication of light-emitting devices based on ZnO thin films, the ¢-axis-oriented ZnO thin
films on the variety of substrates and heterostructures were grown using c-axis-oriented ZnQ active
layer. It generated the spatial separation of electrons and holes in the active layer, causing a reduction
in quantum efficiency [10]. Waltereit et al. [11] reported that non-polar layer surface in the light
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emitting device structures can improve quantum efficiency. Therefore, many works were carried out to
fabricate ZnO thin film with a non-polar orientation, which is expected to increase the ultraviolet light
emitting efficiency for ZnO-based heterostructures.

Growth of g-axis-oriented ZnO thin film has already been demonstrated using various techniques,
such as spray pyrolysis [12], sol gel methods [10], PLD [13], metal organic aerosol deposition [14],
single-source chemical vapour deposition (SSCVD) [15], and RF magnetron sputtering [16]. In this
paper, we report the deposition and characterization of preferential a-axis-oriented polycrystalline
AZ0O thin films on glass substrate by unbalanced DC magnetron sputtering which has not been studied.

2. Experimental Methods

The AZO thin films were deposited on glass substrates using unbalanced DC magnetron sputtering.
AZQ target was made from high purity ZnO powder (99.999%) doped with desired amount of high
purity Al:Os; powder (99.999%). The amount of Al,O; added to the ZnO was | to 2 at%. Prior to the
deposition, the glass substrate was cleaned in an ultrasonic bath with acetone, methanol, and deionized
water. After that, substrate was dried using O2 gun and mounted in the sputtering chamber. Before the
deposition, the target was pre-sputtered for about 10 minutes to remove contaminants from the surface.
The chamber was initially evacuated to a base pressure of 110 Torr and the deposition was carried
out at a working pressure of 4x10"! Torr. The sputtering was carried out at room temperature with
high-purity (99.999%) Ar gas as a plasma source. The plasma power was used in the range of 30 to 40
Watts. The distance between target and substrate was kept constant at 45 mm. X-ray diffraction (XRD)
and atomic force microscopy (AFM) were used to analyze the structural properties and surface
morphology of AZO thin films. The crystalline quality, preferred orientation, and surface morphology
of AZO thin films were clarified and discussed.

3. Results and Discussion
The XRD patterns of undoped and Al-doped ZnO thin film recorded in the range of 30-60° are shown
in Figure 1. The result shows that all films have a polycrystalline with a wurtzite-type hexagonal
structure. No phases related to Al, Al»Os;, or other impurity phases were found in the AZO thin films
within the XRD detection limits. This indicates that Al** substituted the Zn®" sites or incorporated into
interstitial sites of ZnO lattice [17]. As seen in figure 1, the undoped ZnO thin film has a high
preferential orientation along the (002) plane. Other diffraction peaks, (100) and (110), with weak
intensity were also observed. This indicates that the undoped ZnO thin film exhibits a strong c-axis
orientation perpendicular to the substrate [18]. The intensity of the (002) diffraction peak decreases
and the full width at half maximum (FWHM) of the peak increases at the doped ZnO thin film with 1
at% AL It suggests that the crystallinity of thin film is deteriorated. lon AI'* reduces the concentration
of the zinc interstitial [19], resulting in suppression of the ZnO grain growth and degradation of the
crystal quality. In addition, the intensity of (101) peak appears on the ZnO thin films doped with 1 at%
Al. This indicates that some grains grow in other orientations besides the c-axis orientation [20]. The
significant results are shown in the ZnO thin film with 2 at% Al doping that the intensity peaks of (100)
and (110) planes increase and the diffraction peak of (002) plane is not observed. This confirms the
improvement of crystal quality of a-axis orientation owing to the decrease in the corresponding of
FWHM (as shown in figure 1). This result also shows that the grain of thin films grew parallel to the
substrate surface. The Al doping causes the decrease in the degree of crystallinity of ZnO thin films
[21]. The increase of Al dopant concentration is the reason for a complete change of the preferential
orientation of the grains. In the sputtering technique, the crystal orientation of the interfacial grain is
less dependent on the growth parameters.

Previous study shows that the intensity ratio of thin films indicates the preferential growth of the
films in a particular plane [17]. According to the literature, the preferred orientation of (& & /) plane
can be defined as a texture coefficient (7C) (h k [), which is calculated using the following formula [12]

(5]
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where [y, {gu), and n indicate the X-ray diffraction intensities which obtained from the films,
intensity of the reference diffraction pattern (ICDD-01076-0704), and considered number of
diffraction peaks, respectively. The calculation results of texture coefficient for crystal planes of AZO
thin films are shown in the Table 1. The higher value of the texture coefficient of ZnO and AZO thin
films is obtained in different diffraction plane. This indicates that the preferred orientation of the film
changes with increasing the amount of Al-doping. Rao and Santhoshkumar [12] confirm that the
higher value of the texture coefficient indicates the preferred orientation of the films along the
diffraction plane. The change in the preferred orientation is possible at the growth of thin film on
amorphous substrate.

The nucleation and final growth orientation are believed to affect the crystal orientations. The
growth orientation is developed into the crystallographic direction of the lowest surface energy. The
grains became larger for the film that grows with a lower surface energy density [12]. This result
confirms that the growth parameter in the sputtering system aftfects the crystal orientations.

The detail of the observed peak intensities from (100) and (110) planes of undoped ZnO and AZO
thin films is shown in figure 1. Small shifts toward larger angles are shown on both peak positions. It
suggests a decrease of the a-lattice parameters of AZO thin films. According to Bragg’s Law (nA = 2d
sinfl), the change of lattice parameter d causes a shift of @ when A is constant [17] and it is possible
that the change relates to the strain relaxation in the films. It can be confirmed by the calculation of
crystallographic parameters, such as average size of crystalline grain (), lattice strain (£), and lattice
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Figure 1. XRD pattems of Al-doped ZnO thin films growth at
sputtering power of 30 Watt

Table 1. Texture coefficient of ZnO thin film with variation of Al-dopant.

Texture coefficient (7C)

Al-dopant —55 (002) (101) (110)
0 0.54 228 - 0.18
1% 1.22 1.73 0.56 0.49
2% 1.93 - 0.20 0.87
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constant (a). The average size (D) of the crystalline grain along the a-axis was determined using
Debye-Scherrer’s formula [12].
0924

- Bcosl )

The lattice strain (¢) was calculated using the tangent formula [22]

B
(4tan@)

The lattice parameters (a) of (100) and (110) plane were determined using the equation

a=—"—In>+ hk + K
\Esinﬂ (4)

where 4 is the X-ray wavelength of 1.5418 A, 0 is Bragg diffraction angle of a-axis peak and f is the
FWHM of 6. The crystallographic parameters of AZO thin films growth at sputtering power of 30
Watt are calculated according to (100) and (110) planes and tabulated in Table 2. It is observed that
the lattice parameter (a) of AZO thin films decreases compared to the ZnO thin film. These results
confirm that the shifted angles are affected by a-lattice parameters. The replacement of Zn’" ions by
AP ions also contributes to that case due to the different in radius of Zn*" ions (0.0740 nm) and Al
ions (0.0535 nm)[17]. However, the addition of Al doping also influences the crystalline size of thin
films. Compared to the ZnO thin films, the crystalline size of AZO thin films is smaller. Similar result
is shown by Sahay and Nath [22] and Chen et al. [17] that the crystalline size decreases with
increasing Al-doping.

Figure 2 shows the XRD patterns of ZnO and AZO thin films at the sputtering power of 40 Watt.
It can be seen that two dominant peaks are observed in XRD pattern corresponding to (100) and (110)
planes. This result indicates that the film has a polycrystalline hexagonal wurtzite structure with a-axis
orientation. The crystallographic parameters of AZO thin films growth at sputtering power of 40 Watt
are calculated and tabulated in Table 3. However, calculation of texture coefficient shows that the
preferred orientation of ZnO and AZO (2 at% Al) thin films changes from (100) to (110) planes
compared to ZnO and AZO (2 at% Al) at the plasma power of 30 Watt. In this case, the increase of
sputtering power from 30 to 40 Watt influences the dominant of crystal growth in the (110) plane. The
intensities of the (100) and (110) diffraction peaks increase and shift to larger angle with the addition
of 2 at% Al It further suggests that the improvement in the crystallinity and the value of a-lattice
parameter occur. The increase of the peak intensity is also influenced by the grain and crystalline sizes
[23]. The ions or ion clusters can obtain more energy with increasing the plasma power. It causes ions
or ion clusters to easily adjust their own bond direction and length, so that they obtain an optimum
bonding to the adjacent atoms and this helps them to nucleate and grow. Therefore, the crystalline size
of AZO (2 at% Al) thin films becomes larger with the sputtering power of 40 Watt. Table 2 and 3 also
show that the a-lattice parameters decrease with the increase of plasma power. This may be due to the
interstitial and substitution of Al atoms or ions in the lattice of AZO thin films [24].

3)

Table 2. Calculated crystalline size, lattice strain, and lattice constants from (100)
and (110) planes of ZnO thin film with various Al-doping.

Al-doping (hkbh FWHM D [A] £ [%) a[A]
0 (100) 0.28 5.219 0.244 3.2686
(110) 0.30 5.246 0.140 32674

1% (100) 0.35 4.123 0.307 3.2465
(110) 0.40 3.938 0.186 3.2586

2% (100) 0.20 7.214 0.097 32514
(110) 0.33 4.750 0.154 3.2586
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Figure 2. XRD patterns of Al-doped ZnO thin films growth at
sputtering power of 40 Watt.
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Figure 3. AFM images of AZO (2 at%) thin films growth with the

sputtering power of (a) 30 Watt and (b) 40 Watt,

Table 3. Calculated texture coefficient, crystalline size, lattice strain, and lattice constants from (100)
and (110) planes of ZnO and Al-doped ZnO (2%) thin film at the sputter power of 40 Watt.

Al-dopant (hkl) TC FWHM D[A] & [%] A4[A]
0 (100)  0.50 0.30 4.809 0.264 3.2520
(110)  1.49 0.44 3.580 0.205 3.2586

2% (100)  0.65 0.22 6.527 0.194 3.2410
(110)  1.34 0.28 5.705 0.128 3.2469

Figure 3 shows the AFM images of AZO (2 at% Al) at plasma power of 30 and 40 Watts. It can be
seen that the film grows with granular grain. The surface morphology of the AZO (2 at% Al) thin
films deposited at 30 Watt shows a coarse surface with non-uniform in grain size. The grain size of the
AZO (2 at% Al) thin films becomes larger, dense, and uniform in size when the plasma power was
increased to 40 Watt. The root mean square (RMS) of roughness for plasma power of 30 and 40 Watts
of AZO thin film was 8.546 and 6.999 nm, respectively. This indicates the enhancement in the
migration of sputtered atoms on the thin films surface during the growth and the surface roughness
reduction. Another reason why the RMS roughness reduces is due to the energy of particles arriving at
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the surface increases with increasing plasma power, leaving more energy for surface diffusion caused
by collisions with more atoms. The result of AFM analysis is in good agreement with the results of
XRD analysis.

4. Conclusions

The AZO thin films have been deposited on glass substrate using unbalanced DC magnetron
sputtering system with various doping concentration and plasma power. The films have polycrystalline
structure with preferred orientation of (100) and (110). The crystallinity and the a-axis-oriented AZO
(2 at% Al) thin films prepared at 40 Watt power plasma give better film quality compared to others
sample. The doping concentration and plasma power strongly influence the growth of thin film as well
as structure and morphology of the films.
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