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ABSTRACT 
 

In this work, Anti-reflective thin film is made on Germanium (Ge) optical window, which is one of the most used materials in 

thermal imaging systems. ZnS material was used its optical transmittance between 2-14 m and due to the fact that it has a 

refractive index proportional to the refractive index of Ge. ZnS thin films have been prepared by Radio Frequency (RF) 

magnetron sputtering on Germanium (Ge) optical windows for anti-reflection coating (ARC). ZnS films were produced at 

different thicknesses using RF sputtering system working pressures under 3, 20 and 30 mTorr. The other RF systems parameters 

such as RF power, deposition temperature were kept constant for all depositions. Crystal structures, optical and surface properties 

of ZnS thin films were characterized with X-ray diffraction (XRD), Atomic force microscopy (AFM), Fourier transform ınfrared 

(FTIR) and UV-VIS transmission spectrometer. The characterization results of Ge optical windows coated ZnS thin films grown 

at 3 mTorr pressure show that high optical transmission and good crystallinity in ınfrared wavelength region (2-14 m). 
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1. INTRODUCTION 
 

Thin film anti-reflective coating is widely used the aim for fulfil or minimize reflections from the front and back surfaces of 

materials [1-4]. The increase in the permeability of the material with these coatings allows the improvement of optical properties. 

Unwanted reflection losses occur on the material surfaces, due to the high refractive index of the materials. For this reason, all 

nearly lens surfaces are given an antireflection coating to improve the light transmission and to eliminate detrimental effect [5-

7]. 

Infrared transparent materials are gaining more and more importance every day especially night vision, remote sensing and 

communication. Germanium (Ge), one of these transparent materials, is the most commonly used material in infrared region as 

lens, optical windows, domes and optical filters due to its optical properties [8, 9].  The refractive index of single crystal Ge is 

about 4.00 (at 10 μm) and its reflection loss is approximately 50% in the wavelength range of 2-14 m [8, 10, 11]. This unwanted 

reflection loss was occurred on the surface of its and reduces the optical efficiency [12, 13]. The optical transmission of Ge can 

have increased when AR coating is applied to the Ge’s surface [14, 15].  Anti-reflection coating (ARC) for Ge lenses or optical 

windows is not only increased the optical transmission, but also provides surface adhesion, durability, protection and image 

clarity [4, 7, 16]. Material selection for ARC is one of the main problem in the desired wavelength range. The properties of many 

materials are not suitable for the ARC in infrared regions such as durability, toxicity, radioactivity, ect [17]. The other problem 

is the refractive index of the material. Particularly, ARC materials for the IR region must have both optical transmission and the 

refractive index must be proportional with the refractive index of Ge’s. Considering these conditions, there is a limited number 

of coating materials.  

It has been reported that single-sided, double-sided and multi-layer ARC can achieve high transmission by decreasing 

reflection between interfaces of air and materials. Especially with the integration of photovoltaic solar cells, ARC studies have 

gained a special importance. In solar cells, single layer ARC’s such as MgF2 (n=1.3 – 1.4) have been applied and short circuit 

current density value can improve. In order to achieve minimum reflection for infrared region imaging and other applications 

with low-cost, simple operation, Zinc sulfide (ZnS) was selected as anti-reflective coating material. ZnS is a semiconductor II-

VI compound with refractive index of 2.20 and has an optical transmission of 0.4-13 m [18]. This ensures that it is suitable as 

a transparent material in the visible and infrared regions. ZnS thin films can be produced into thin films using a variety of 

techniques such as thermal evaporation deposition, chemical bath deposition (CBD), electrochemical deposition, sol-gel, spin-

coating or dip-coating, DC or RF magnetron sputtering etc [12, 18-22].  

The thickness of the ZnS thin films is obtained for the Germanium using the Fresnel’s equation [22]. 
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𝒅 =
λ

4𝑛𝑓
                           (1) 

 

in which nf, are the refractive index of the ARC material and d is the thickness of the antireflection coating thin film, 

respectively. Single layer anti-reflective coatings exhibit maximum optical transmission for single wavelength, while multi layer 

anti-reflective coatings exhibit maximum optical transmission in the broad spectrum [23]. But for multi-layer antireflection, there 

are many difficulties affecting the characteristics of the film, such as the use of multiple materials, film production and 

stabilization to be optimized in appropriate thicknesses.  

Herein, we prepared single layer, double layer and multi layer ZnS thin films as ARC on Ge optical window. The structural, 

optical and surface properties of ZnS anti-reflective thin films were investigated to some coating parameters. To depict the effect 

of pressure in ARC, single layer samples with the same thickness of multi-layer ARC properties have been conducted. 

 

 

2. MATERIAL AND METHOD 
 

Zinc sulfide (ZnS) thin films were fabricated on p-type Ge substrate by RF magnetron sputtering system. Ge were cleaned 

by ultrasonication bath for 15 min at 80°C bath temperature in deionized water and cleaned ethanol, acetone, respectively. After 

the cleaning process, the substrates were loaded into the RF magnetron system. ZnS with purity of 99,99% was used as target 

material for deposition into. The distance between the target and substrates were set up about 30 mm. Before deposition, 

sputtering system was evacuated to base pressure (≈10-6 Torr) and Ar gas with flow rate 30 sccm was introduced into the chamber. 

The substrate temperature was set up 100 °C and were grown under 100 W. ZnS antireflective thin films generated chosen film 

thicknesses under working pressures 3,10 and 20 mTorr.  

After the deposition, the thicknesses of the ZnS films were determined by stylus type profilometer (Veeco, Dektak 150) and 

shown in Table 1 and Table 2. The structural properties of Ge optical windows with and without ZnS thin films were obtained 

by X-ray diffraction (XRD) technique using APD 2000 PRO diffractometer system. The optical transmission properties of ZnS 

thin films were measured by the Vertex 80 Fourier transform infrared spectrometer (FTIR) in wavelengths ranging from 2 to 20 

µm. UV-VIS transmission measurement were taken using Perkin Elmer Lambda 2.  The surface morphology of ZnS thin films 

were imaged with an atomic force microscopy (NanoMagnetics Instruments Ltd., Oxford, UK).  

 

Table 1. The thickness of ZnS thin films on single surface 

Sample 

(for 3-5 µm) 

Pressure 

(mTorr) 

Average 

Thickness 

(nm) 

Sample 

(for 8-12 µm) 

Pressure 

(mTorr) 

Average 

Thickness 

(nm) 

S1 3 429 S13 3 1166 

S2 20 430 S14 3 1226 

S3 30 421 - - - 

 

Table 2. The thickness of ZnS thin films on double surface 

Sample 

(for 3-5 µm) 

Pressure (mTorr) Average Thickness (nm) 

Front Surface Back Surface Front Surface Back Surface 

S4 3 3 429 477 

S5 20 20 422 434 

S6 30 30 335 372 

Sample 

(for 8-12 µm) 

Pressure (mTorr) Average Thickness  (nm) 

Front Surface Back Surface Front Surface Back Surface 

First  Second  First  Second  First  Second  First  Second  

S10 3 20 3 20 429 422 429 422 

S11 3 - 3 20 429 - 429 422 

S12 3 - 3 - 314 - 1195 - 
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After growing thin films at film thicknesses determined according to wavelength ranges, single-surface and double-surface 

coating analyzes were performed. After the samples grown under the same pressure from both sides, we were tested from both 

sides. According to the order determined in the table, the first coating of the front surface is carried out under 3 mTorr, while the 

second surface coating is carried out under the determined pressure for both surfaces. For example, while ZnS thin films are 

produced on both the front surface and the back surface under a pressure of 3-3 mTorr, 3-20 mTorr indicates that the back surface 

is growth under 20 mTorr. After the samples were characterized under 3, 20 and 30 mTorr, they were enlarged as a single surface, 

then a double surface, and then as a multi-layer under different pressure. In this context, while XRD and AFM was based on 3, 

20 and 30 mTorr single surface coatings in characterization processes, FTIR measurements was performed for all samples. 
 

 

3. RESULTS AND DISCUSSION 
 

a) Structural Analysis 

Especially, ZnS is commonly obtained in two crystalline forms: (a) cubic structure and (b) hexagonal wurtzite structure. These 

different phases are a recognizable difference in their physical properties. The peak of 2θ ≈ 28.50° is observed for all of thin film 

samples. This angle, which corresponds to the (111) plane in the ZnS cubic structure, forms the (002) plane in the hexagonal 

structure.  The (100) plane is also consists of hexagonal wurtzite structure. The formation of these two phases depends on the 

applied temperature. Cubic phase is formed at low temperatures, while hexagonal phase is formed at high temperatures. 

The structure of ZnS thin films were analyzed by X-ray diffraction (XRD). Fig. 1 shows XRD patterns of the ZnS thin films 

obtained at different pressures on Ge. Ge substrates were oriented (111) plane and single crystalline form (JCPDS file no. 4-

545)[24]. The XRD patterns of ZnS thin films were scanned in the scattering angle (2θ) ranging from 10° to 90°.  Between these 

angle values, it was given a range of 25° and 30° to determine which of the crystal structure is formed. On the other hand, in Fig. 

1, the present samples grown at various pressures had only (111) plane and exhibited a cubic structure (JCPDS file no. 5-566)[25]. 

The highest peak value of XRD measurement comes from Ge optical windows and the pressure change affects film quality. As 

seen in Figure 2, it is seen that the hexagonal wurtzite structure is formed with the prolongation of the coating time (JCPDS file 

no. 36-1450)[26, 27]. Similar X-ray diffraction peaks were obtained many works for ZnS thin film deposited by RF-sputtering 

[26, 27] 

 

 

Figure 1. XRD patterns of ZnS films grown at different pressures 
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Figure 2. XRD patterns of ZnS films superimposed at different pressures 

 

Figure 2. shows XRD patterns of superimposed ZnS thin films coating at different pressures. This indicated that the films 

were polycrystalline structures and that the planes were parallel to the substrate surface. For obtaining more structural 

information, the crystallite size of the prepared ZnS thin films were calculated from full width at half maximum (FWHM) of the 

diffraction peaks using the Debye-Scherrer equation [28]; 

 

             (2) 

where D is the crystallite size, k=0.9 is the crystallite shape factor, λ= 0.1540 nm is the wavelength of X-ray used for the 

diffraction measurements and β is the FWHM of the diffraction peaks at 2θ.  The FWHM value of the film shows the disruption 

of the crystallinity, while the larger crystallite sizes indicate the improved crystallinity of the films [29]. FWHM values for ZnS 

thin films were measured by X-ray and shown in Table 3. XRD results shows better crystallinity for films produced under 

reduced pressures and the highest peak intensity clearly seen from the XRD spectra.  

 

Table 3. The structural parameters of ZnS thin films 

Sample Average Thickness (nm) β (degrees) Crystallite Size by XRD (nm) 

S1 429 0.261 32.83 

S2 430 0.235 36,46 

S3 421 0.228 37.59 

 

b) Surface Analysis 

The characterization of surface structures on a nanoscale is very important for the optoelectronic applications. Atomic force 

microscopy (AFM) is one of the several experimental techniques to study the surface properties of the deposited thin films [30]. 

AFM can be used to estimate crystallite grain size and surface roughness. AFM measurement was carried out to study the surfaces 
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of Ge optical windows. Fig. 3 shows that two-dimensional (2D) and three-dimensional (3D) AFM images with 3 × 3 μm2 scan 

area of the Ge optical windows with and without ZnS thin films. 

We see a more homogeneous distribution in the scan with the presence of dark to indicate the presence of pockets or wells 

indicating the roughness of the thin films and also the absence of cracks on the surfaces of the layers, the same result was 

supported by Elidrissi. It can be seen in the Fig. 3 that the crystallinity of the films has been changed by different pressures of 

the sputtering system. Experimental results have shown that as the pressure increases, the crystal size values increase from 14.09 

nm to 28.02 nm. The lowest roughness belongs to the sample grown under 3 mtorr pressure for films deposited in Ge optical 

windows. We can say that Ge is the smoothest substrate and has a size of the smallest grains. Surface roughness is all irregularities 

of the surface and micro-graphic character. This indicates that the rough nature of the thin layers of ZnS is caused by the growth 

mechanism of the technique of sputtering. Thanks to its roughness, this material allows light to be scattered rather than reflected 

at the interface; this allows high transmittance for almost all samples as shown in the subsequent analysis of optical spectra 

compared to the specular component. 

 

 
 

 

Figure 3. ZnS thin film AFM 2D and 3D images on Ge optical windows A) Ge without ZnS b) 3 mTorr Ge/ZnS c)20 

mTorr Ge/ZnS d)30 mTorr Ge/ZnS 
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c) Optical Analysis 

The optical properties of samples were analyzed using FTIR spectrometer. First of all, calibration was performed for FTIR 

device. ZnS thin film coated Ge optical windows are placed perpendicular to the beam direction. The transmission spectra for 

Ge optical windows are shown in Fig. 4-a, 4-b, 4-c and 4-d which was recorded at room temperature by the FTIR for wavelengths 

ranging from 2-20 µm. Figure 4-a and Figure 4-c are single-surface coated, while Figure 4-b and Figure 4-d are of samples 

double surface coated.  While the maximum average transmittance, 67%, is observed for the film deposited one surface coating, 

double surface coating transmittance are observed 98% and 99%, respectively for 2-20 µm wavelength range. Growing ZnS 

atoms with different pressure parameters results in higher optical transmittance of the film. It can be seen that transmittance 

increases when the film thickness increases at superimposed thin films deposited. ZnS coated Ge optical windows can be 

observed to have increased optical transmission at certain wavelengths in the specified film thicknesses. Therefore, we note that 

the reflection curves are not interference; It is due to the multiple reflections of the two interference layers due to the importance 

of the roughness of thin films. Therefore, in our case this ZnS thin film can be applied as infrared imaging.  

ZnS thin films were coated in soda lime glass using the same coating parameters to determine the refractive index. The UV-

VIS transmission spectrum obtained glass, S1 and S10 samples and given in Fig. 5. Regarding the refractive index study as a 

function of wavelength variation in the UV- VIS region, it can be seen depending on the nature of the glass shown in Fig. 5. The 

graph indicate that the samples has a good optical transparency in visible and part of near infrared wavelength range with the 

average transmittance minimum of 60% and the maximum of 85%. The refractive index of ZnS was calculated as 2,18 with the 

help of envelope method [31, 32]. We note that the refractive index of the ZnS layer deposited on the glass is in agreement with 

reported references. 

 

 

Figure 4- a. The optical transmission spectra of Ge optical windows with and without ZnS ARCs at different pressures 



Eurasian J. Sci. Eng. Tech. 3(1): 036 - 045 

 

A. Karaca, S. Sağlam, E. Bacaksız, S. Özçelik 

42 
 

 

Figure 4- b. The optical transmission spectra of Ge optical windows coated on both surface at different pressures 

 

 

Figure 4- c. The optical transmission spectra of Ge optical windows with and without ZnS ARCs for 8 -12 μm at 

different pressures 
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Figure 4- d. The optical transmission spectra of Ge optical windows coated on both surface at different 

pressures for 8 -12 μm. 

 

 
Figure 5. The optical transmission spectra of ZnS thin film on glass 
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4. CONCLUSION 
 
In summary, ZnS antireflection films were successfully deposited on Ge optical windows and soda lime glass at different 

pressures by RF magnetron sputtering. It was found that the deposited ZnS thin films exhibited a strong XRD peak at around 

28.50 degree with an orientation of the (111) plane. X-ray diffraction analysis has also revealed a change in the thin film structure 

from cubic to hexagonal. AFM measurements showed that the surface roughness and grain sizes of the films increased as the 

pressure decreased. The FTIR results indicate that the IR transmission increases by about 26% on surfaces of the Ge by deposition 

of single layer ZnS ARC and the maximum is almost 99% in the 2-14 nm wavelength range using double layer coating. Using 

envelope method, Refractive index was determined. UV - Vis spectra showed that ZnS thin films has a good transmission. The 

peak position of the maximum in the transmittance spectra for optical windows can be shifted to the wanted wavelength by 

changing the optical thickness of the coating. 

 

SIMILARTY RATE: 16% 
 

ACKNOWLEDGEMENT 
 

This work was supported by Ministry of Development (TR) and TUBITAK under the 2011K120290 and 115F280 project 

numbers, respectively. 

 

REFERENCES 
 

[1] H. A. Macleod, Thin-Film Optical Filters, Fourth ed.: CRC press, London, 2010. 

[2] C. Claeys and E. Simoen, Germanium-based technologies: from materials to devices: Elsevier, p.17, 2011. 

[3] I. Chambouleyron and J. Martínez, "Optical Properties of Dielectric and Semiconductor Thin Films," in Handbook of 

Thin Films, ed: Elsevier, 2002, pp. 593-622. 

[4] A. Musset and A. Thelen, "IV Multilayer Antireflection Coatings," in Progress in Optics. vol. 8, E. Wolf, Ed., ed: 

Elsevier, 1970, pp. 201-237. 

[5] J. A. Dobrowolski, "Optical properties of films and coatings," Handbook of optics, vol. 1, pp. 42.3-42.130, 1995. 

[6] R. Gade and T. B. Moeslund, "Thermal Cameras and Applications: a Survey," Machine Vision and Applications, vol. 

25, pp. 245-262, 2014. 

[7] J. M. Lloyd, Thermal imaging systems: Springer Science & Business Media, 2013. 

[8] W. C. Dash and R. Newman, "Intrinsic Optical Absorption in Single-Crystal Germanium and Silicon at 77," Physical 

Review, vol. 99, pp. 1151-1155, 08/15/ 1955. 

[9] A. R. Hilton, "Infrared transmitting materials," Journal of Electronic Materials, vol. 2, pp. 211-225, May 01 1973. 

[10] B. Depuydt, M. De Jonghe, W. De Baets, I. Romandic, A. Theuwis, C. Quaeyhaegens, et al., "Chapter 1 - Germanium 

Materials," in Germanium-Based Technologies, ed Oxford: Elsevier, 2007, pp. 11-I. 

[11] G. K. Teal and J. B. Little, "Growth of germanium single crystals," in Physical review, 1950, pp. 647-647. 

[12] H. K. Raut, V. A. Ganesh, A. S. Nair, and S. Ramakrishna, "Anti-reflective coatings: A critical, in-depth review," 

Energy & Environmental Science, vol. 4, pp. 3779-3804, 2011. 

[13] A. Rogalski and K. Chrzanowski, "Infrared devices and techniques," Optoelectronics Review, vol. 10, pp. 111-136, 

2002. 

[14] A. Ghosh, P. Kant, P. Bandyopadhyay, P. Chandra, and O. Nijhawan, "Antireflection coating on germanium for dual 

channel (3–5 and 7.5–10.6 μm) thermal imagers," Infrared physics & technology, vol. 40, pp. 49-53, 1999. 

[15] D. C. Harris, "Durable 3–5 μm transmitting infrared window materials," Infrared physics & technology, vol. 39, pp. 

185-201, 1998. 

[16] A. j. Mushtak, "Design of high efficiency multilayer antireflection coatings for visible and infrared substrates," Journal 

of College of Education, pp. 733-746, 2009. 

[17] P. Klocek, Handbook of infrared optical materials: CRC Press, 2017. 

[18] M. Nadeem, W. Ahmed, and M. Wasiq, "ZnS thin films–an overview," Journal of research science, vol. 16, pp. 105-

112, 2005. 

[19] M. Islam, M. Hossain, M. Aliyu, Y. Sulaiman, M. Karim, K. Sopian, et al., "Comparative Study of ZnS Thin Films 

Grown by Chemical Bath Deposition and Magnetron Sputtering," in Electrical & Computer Engineering (ICECE), 

2012 7th International Conference on, 2012, pp. 86-89. 

[20] A. T. Salih, A. A. Najim, M. A. Muhi, and K. R. Gbashi, "Single-Material Multilayer ZnS As Anti-Reflective Coating 

For Solar Cell Applications," Optics Communications, vol. 388, pp. 84-89, 2017. 



Eurasian J. Sci. Eng. Tech. 3(1): 036 - 045 

 

ZINC SULFIDE ANTI-REFLECTIVE THIN FILM COATING FOR GERMANIUM OPTICAL WINDOWS 

 

45 
 

[21] D. Yoo, M. S. Choi, S. C. Heo, C. Chung, D. Kim, and C. Choi, "Structural, optical and chemical analysis of zinc sulfide 

thin film deposited by RF-mganetron sputtering and post deposition annealing," Metals and Materials International, 

vol. 19, pp. 1309-1316, November 01 2013. 

[22] S. Firoozifar, A. Behjat, E. Kadivar, S. Ghorashi, and M. B. Zarandi, "A Study of the Optical Properties and Adhesion 

of Zinc Sulfide Anti-Reflection Thin Film Coated on a Germanium Substrate," Applied Surface Science, vol. 258, pp. 

818-821, 2011. 

[23] K. Wasa and S. Hayakawa, "Handbook of sputter deposition technology," p. 177, 1992. 

[24] A. Rolo, O. Conde, M. Gomes, and M. Dos Santos, "Structural, chemical and optical characterisation of Ge-doped SiO2 

glass films grown by magnetron rf-sputtering," Journal of Materials Processing Technology, vol. 92, pp. 269-273, 1999. 

[25] C. Cruz-Vázquez, F. Rocha-Alonzo, S. Burruel-Ibarra, M. Barboza-Flores, R. Bernal, and M. Inoue, "A new chemical 

bath deposition method for fabricating ZnS, Zn (OH) 2, and ZnO thin films, and the optical and structural 

characterization of these materials," Applied Physics A, vol. 79, pp. 1941-1945, 2004. 

[26] P. Chelvanathan, Y. Yusoff, F. Haque, M. Akhtaruzzaman, M. Alam, Z. Alothman, et al., "Growth and characterization 

of RF-sputtered ZnS thin film deposited at various substrate temperatures for photovoltaic application," Applied Surface 

Science, vol. 334, pp. 138-144, 2015. 

[27] D. H. Hwang, J. H. Ahn, K. N. Hui, K. San Hui, and Y. G. Son, "Structural and optical properties of ZnS thin films 

deposited by RF magnetron sputtering," Nanoscale research letters, vol. 7, pp. 1-7, 2012. 

[28] H. Klug and L. Alexander, "Crystallite size and lattice strains from line broadening," X-ray Diffraction Procedures for 

Polycrystalline and Amorphous Materials. New York, USA: Wiley-Intersciences, pp. 618-708, 1974. 

[29] L. Whittig and W. Allardice, "X-ray diffraction techniques," Methods of Soil Analysis: Part 1—Physical and 

Mineralogical Methods, pp. 331-362, 1986. 

[30] F. J. Giessibl, "Advances in atomic force microscopy," Reviews of modern physics, vol. 75, p. 949, 2003. 

[31] M. Caglar, Y. Caglar, and S. Ilican, "The determination of the thickness and optical constants of the ZnO crystalline 

thin film by using envelope method," Journal of optoelectronics and advanced materials, vol. 8, p. 1410, 2006. 

[32] J. Müllerová and J. Mudro, "Determination of optical parameters and thickness of thin films deposited on absorbing 

substrates using their reflection spectra," Acta Phys. Slov., vol. 50, pp. 477-488, 2000. 

 

 

 


