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Abstract

:

We report on the effects of the intense pulsed light (IPL) rapid annealing process and back-channel passivation on the solution-processed In-Ga-Zn-O (IGZO) thin film transistors (TFTs) array. To improve the electrical properties, stability and uniformity of IGZO TFTs, the oxide channel layers were treated by IPL at atmospheric ambient and passivated by photo-sensitive polyimide (PSPI). When we treated the IGZO channel layer by the IPL rapid annealing process, saturation field effect mobility and subthreshold swing (S.S.) were improved. And, to protect the back-channel of oxide channel layers from oxygen and water molecules, we passivated TFT devices with photo-sensitive polyimide. The IGZO TFTs on glass substrate treated by IPL rapid annealing without PSPI passivation showed the field effect mobility (μFE) of 1.54 cm2/Vs and subthreshold swing (S.S.) of 0.708 V/decade. The PSPI-passivated IGZO TFTs showed higher μFE of 2.17 cm2/Vs than that of device without passivation process and improved S.S. of 0.225 V/decade. By using a simple and fast intense pulsed light treatment with an appropriate back-channel passivation layer, we could improve the electrical characteristics and hysteresis of IGZO-TFTs. We also showed the improved uniformity of electrical characteristics for IGZO TFT devices in the area of 10 × 40 mm2. Since this IPL rapid annealing process could be performed at a low temperature, it can be applied to flexible electronics on plastic substrates in the near future.
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1. Introduction


To satisfy the requirements for the next generation display such as large area, high resolution and high frame rate, and other applications such as sensing, signal amplification, signal processing and RFID tags, thin film transistor technologies using oxide semiconductors have been investigated by many researchers and engineers very actively, due to large-area uniformity, low off current and high field effect mobility [1,2,3,4,5,6,7,8,9,10,11,12,13,14,15]. For flexible display applications, pixel-switching/driving transistors and light emitting devices should be fabricated on flexible substrates. However, most of the flexible substrates for display applications are polymeric substrates, such as polyethylene terephthalate (PET), polyethylene naphthalate (PEN) and polyimide (PI) [16,17,18]. Therefore, we have to develop low-temperature fabrication process to minimize damages on substrates, and misalign problems caused by thermal expansion and shrinkage during fabrication process.



Until now, the conventional fabrication processes for oxide thin film transistors (TFTs) in the real industrial applications are thin film deposition by radio frequency (RF) magnetron or direct current (DC) sputtering in vacuum chamber systems and thermal annealing at higher temperature than 300 °C in clean dry air (CDA) ambient for about 1 h [19]. To decrease the process temperature for flexible systems, there were several reports about solution-processed oxide TFT at low temperature [20,21,22,23]. However, those methods have several disadvantages: (1) it needs oxygen and humid free ambient [21]; (2) combustion reaction can make the film porous [22]; and (3) it takes a long time: more than 1 h 30 min [23]. So, to decrease the fabrication time in ambient conditions and make dense channel layers, we developed a rapid post-annealing process for solution-processed oxide channel layer at low temperature by the intense pulsed light (IPL) process. Up to now, there have been several reports about solution-processed oxide TFTs by the IPL process [24,25,26,27,28,29,30,31]. However, there were no results related to the uniformity of oxide thin film transistors for large area display application. To improve the stability of devices, there was a report on top gated solution processed InGaZnO TFTs with light pulse annealing, where the channel was covered with different polymers, which can also act as passivation layers and gate dielectrics simultaneously [31]. Therefore, based on these pervious reports, we report on the feasibility of the IPL rapid annealing process for multi-component oxide thin film transistors, and the improved uniformity and hysteresis properties of electrical performances for 18 IGZO TFT devices in the area of 10 × 40 mm2.




2. Experimental Procedure


To fabricate IGZO oxide thin film transistors array by intense pulsed light (IPL) process, we fabricated our devices on Si wafer and glass substrate. These substrates were cleaned by ultrasonic cleaner with acetone, methanol and isopropyl alcohol (IPA). In case of Si wafer, we used thermally-grown SiO2 (200 nm) as gate insulator on highly-doped p-Si wafer (0.001~0.005 Ω·cm) as a gate electrode. And we also fabricated devices on glass substrates coated with molybdenum (Mo). For the gate electrode of TFTs, we patterned Mo layer by conventional photolithography and wet etching process. After gate patterning, we deposited an Al2O3 layer of 140 nm as a gate insulator by atomic layer deposition (ALD), using trimethylaluminium (TMA) and H2O at 300 °C on gate-patterned Mo glass. The substrates with ALD-grown Al2O3 were treated by O2 plasma (150 W) for 60 s. Then, to deposit the In-Ga-Zn-O (IGZO) channel layer on the gate insulator, we prepared metal precursors and solvent. After indium nitrate hydrate (In(NO3)3·xH2O, 0.1104 M), gallium nitrate hydrate (Ga(NO3)3·xH2O, 0.0125M) and zinc acetate di hydrate (Zn(CH3CO2)2·2H2O, 0.0275 M) were dissolved in 2-methoxy ethanol (2ME), the solution was stirred at 50 °C and spin-coated for 6 s at 500 rpm and 60 s at 3000 rpm on substrate. The IGZO-coated substrate was pre-annealed on a hot plate (H/P) at 300 °C for only 10 min, to minimize the effects of residual solvent and maximize the differences, according to the IPL process conditions for multi-component IGZO channel layers. To activate channel layer electrically, IGZO layer were irradiated by the xenon flash lamp (XENON Corporation, Wilmington, DE, USA, Z-1000) of IPL system with the pulse width of 1~2 ms. The distance between xenon lamp and substrate was 3 cm. Then source/drain electrodes were deposited by dc magnetron sputtering (150 W, Ar only) at room temperature, and patterned by the lift-off process with the positive photoresist and poly(methyl methacrylate) (PMMA, MicroChem C4 or A4) double layer. For the passivation of TFT array, PSPI (Photo-Sensitive Polyimide, PICOMAX, PSPI 1000P, Seoul, Korea) was spin-coated on the IGZO TFT devices. After exposure and a developing processes, the hard baking process of PSPI-coated devices was carried out at 230 °C. Figure 1a shows the schematic diagram of our basic device structure with a bottom gate.



After the optimization of fabrication process, we fabricated the IGZO TFTs array with the active area of 10 × 40 mm2 to evaluate the uniformity of TFTs. Current-voltage (I–V) characteristics were measured by a semiconductor parameter analyzer (HP4156C, Agilent Technologies, Santa Clara, CA, USA) at room temperature in the dark, and an air ambient with the relative humidity of 30%. The saturation field effect mobility was calculated from transfer curves by following equation,


   I D  =    C  o x    μ n  W   2 L      (   V G  −  V  t h    )   2   



(1)




where Cox is the capacitance of gate insulator, W is the width of source/drain electrode, L is the length between source and drain electrode, and Vth is the threshold voltage).



To analyze chemical bonding in the IGZO channel layer, the binding energies of oxygen were measured by X-ray photoelectron spectroscopy (XPS, Thermo Scientific, K-alpha, Waltham, MA, USA). And, to observe the cross section of IGZO channel layers, we measured high resolution transmission electron microscopy (HRTEM, JEOL, JEM-2100F, Tokyo, Japan).




3. Results and Discussion


To analyze various effects of intense pulsed light (IPL) process on solution-processed IGZO oxide TFT devices, we chose the inverted-staggered structure with a bottom-gate configuration (Figure 1a). Figure 1b shows a schematic diagram of IPL process with xenon flash lamp on In-Ga-Zn-O channel layers. Before source/drain electrodes were deposited, we annealed IGZO oxide channel layers by IPL rapid process at room temperature in air ambient to observe the effects only on oxide channel layers in TFT devices without those related with source/drain (S/D) electrodes. The distance between a xenon flash lamp and IGZO channel layer was 3 cm. To minimize the effects of residual solvent and compare various properties of devices by voltage conditions and shot numbers effectively and clearly, we annealed our devices by IPL process after the pre-annealing on hotplate at 300 °C for 10 min. When our IGZO channel layers on Si wafer were treated by IPL process, we used 2 and 3 kV of input voltage with 10 and 15 shots, to compare the effects of input voltages and shot numbers. To compare effects according to transferred energy from xenon lamp, we used a pulse width of 1 ms for 2 kV (shorter pulse, lower power) and 2 ms for 3 kV (longer pulse, higher power). When we measured transfer curves of each device, the range of gate voltage was from −20 V to 30 V, and the drain voltage was 30 V.



The field effect mobility and drain current of the device on Si wafer, which was annealed by IPL with 2 kV and 10 shots, was improved in comparison to the device that was annealed only on a hot plate (from 1.79 × 10−2 cm2/Vs to 2.75 × 10−2 cm2/Vs). In the case of the 2 kV condition, drain current and subthreshold swing value of device with 15 shots was better than those of the device with 10 shots. However, the device with 2 kV and 1 ms showed a lower field effect mobility (3.01 × 10−2 cm2/Vs) than those (>4 × 10−2 cm2/Vs) of the devices which were annealed by IPL with 3 kV and 2 ms. In case of IPL process with 3 kV, the device with 15 shots showed a negative shift of threshold voltage from 5.1 V to −6.5 V (Figure 2b) and the off current increased (Figure 2a). From these results, we could know that the optimized irradiation conditions of IPL process can improve the properties of IGZO oxide TFT devices, but excessive irradiation can cause deterioration of channel layers.



To analyze the reason for these phenomena, X-ray photoelectron spectroscopy (XPS) measurement was carried out. Figure 3 shows the O1s XPS spectra for (a) hot plate (H/P) at 50 °C for 2 min, (b) H/P at 300 °C for 10 min, (c) H/P + IPL (3 kV, 10 shots) and (d) H/P + IPL (3 kV, 15 shots), respectively. To compare with the reference sample, we fabricated a reference IGZO channel layer which was annealed at 50 °C for drying solvent after solution coating. In the XPS data, when we divided the oxygen peak into three Gaussian components with variable full-widths at half-maximum (FWHMs), we could know that the peaks centered around 529.9, 531.0 and 531.9 eV could reflect three different oxygen environments [21,23,32]. The peaks at 529.9 eV are attributed to oxygen atoms in M–O–M lattice, and the peaks at 531.0 eV are attributed to oxygen atoms near oxygen vacancies. The peaks at 531.9 eV are attributed to oxygen atoms in M–OH compounds. When we annealed IGZO channel layer only at 50 °C, there were many residual organic components from metal precursors. Therefore, relatively more M-OH bondings remained (Figure 3a), and the peak intensity at 531.9 eV became larger than that of the peak at 531.0 eV by more than two times. In the case of annealing at 300 °C, these organic residues from precursor decreased. Therefore, the peak at 531.9 eV decreased, compared to the peak related with M-O-M bondings at 529.9 eV. When we used 10 shots in IPL process, M-OH bonding decreased, due to the decomposition and removal of organic residues from metal precursors caused by irradiation of xenon flash lamp. In case of 15 shots, more oxygen vacancies were generated, because larger energy from xenon lamp could break bondings between oxygen and metal and remove oxygen atoms from the IGZO layers more easily. Generally, ZnO-based oxide semiconductor materials show n-type conductive behavior because of native defects, such as oxygen vacancies, cation interstitials and hydrogen. If there are oxygen vacancies in IGZO oxide channel layers, n-type carriers (electrons) caused by metal cation can be charge carriers, which can function as a shallow donor and enhance the conductivity of oxide semiconductors [33]. For this reason, the IGZO TFT device annealed with 15 shots of IPL process showed conductive properties in the transfer curve (Figure 2).



To confirm the degree of film densification of oxide channel layers with various annealing conditions by measuring thickness, we carried out cross-sectional HRTEM analysis (Figure 4). For TEM measurement, we coated IGZO solution directly on p-type Si wafers. To compare our IPL-treated samples with other annealing processes, such as deep UV and thermal annealing processes [23], we additionally fabricated various IGZO oxide layers annealed by deep UV photochemical activation processes for 2 h, and hot plate at 350 °C for 20 and 100 min. Based on cross-section TEM images, the thicknesses of these three layers with various annealing processes were about 8.7~8.8 nm, and the thicknesses of oxide channel layers which were fabricated by hot plate and IPL annealing with pulse width of 2 ms and 10 and 15 shots were about 10~10.5 nm. Although the thicknesses of the IPL-treated oxide layers are slightly thicker than others, there are no big differences among five oxide layers. Therefore, we could know that the densities of IGZO layers with IPL treatments are similar to previous UV- and thermal-treated layers, and the IPL annealing process can be applied to the oxide TFT fabrication process, instead of the conventional annealing process.



For the applications to active matrix display panel and image sensor array, we fabricated 10 × 40 IGZO TFTs array on gate-patterned Mo glass substrate with an ALD-grown Al2O3 gate insulator, based on the IPL annealing process conditions. When we fabricated TFT devices on Si wafer, the conditions of 3 kV, 15 shots and a pulse width of 2 ms showed conductive transfer characteristics. However, because the Si wafer and glass substrate have different characteristics under IPL irradiation, we fabricated two kinds of TFT devices on the glass substrate with different IPL conditions. One was a IGZO TFTs array with a shorter pulse width (irradiation time), and the other was a IGZO TFTs array with fewer shots. We had tested various IPL process conditions and selected two process conditions: (3 kV, pulse width of 1 ms: 323 mJ/cm2 × 15 shots) and (3 kV, pulse width of 2 ms: 638 mJ/cm2 × 10 shots). Generally, oxide TFTs can be degraded by the adsorption of oxygen or water molecules on the back-channel surface of oxide semiconductor [34,35]. Therefore, to reduce the instability of IGZO TFT devices, we additionally applied polyimide as a passivation layer to IGZO TFTs [36]. Polyimide can endure a higher process temperature than other polymer passivation materials and, in the case of photosensitive polyimide (PSPI), it is easy to make a via-hole for source/drain electrodes contact, so we used PSPI as the passivation layer for our IPL-treated IGZO TFT devices.



In Figure 5, both cases showed improved hysteresis after PSPI passivation. In Figure 5a, IGZO TFT device was treated by IPL annealing process with 3kV, pulsed width of 1 ms and 15 shots. The saturation field effect mobility was improved from 0.44 to 1.13 cm2/Vs and subthreshold swing (S.S.) decreased from 0.24 to 0.19 V/decade. In Figure 5b, the IGZO TFT device was treated by IPL annealing process with 3kV, 2 ms, 10 shots. The saturation field effect mobility was improved from 1.58 to 2.23 cm2/Vs and subthreshold swing (S.S.) decreased from 1.06 to 0.18 V/decade. Although S.S. values are similar to each other, we selected the latter to fabricate devices and evaluate electrical properties and uniformity of the IGZO TFTs array treated by the IPL annealing process, because the mobility in Figure 5b is higher than that in Figure 5a.



Figure 6 shows the log10(ID) vs. VG transfer curves and the statistical data of IGZO TFTs array treated by the IPL annealing process (a) before and (b) after passivation. We measured the electrical characteristics of 18 TFTs before and after PSPI passivation. In Figure 6a, the IGZO TFT devices without passivation showed non-uniform electrical characteristics. However, the TFT devices with passivation showed more uniform properties with Gaussian-like distribution. From these data, we could know that the electrical characteristics and uniformities of the IPL-treated and PSPI-passivated IGZO TFTs were better than those of the unpassivated devices. The important electrical characteristics of these IGZO TFT devices are listed in Table 1. The average saturation field effect mobility (μFE) and subthreshold swing (S.S.) for the unpassivated IGZO ZTO TFTs were 1.54 cm2/Vs and 0.708 V/decade, respectively. In case of passivated devices, the average uFE and S.S. were 2.17 cm2/Vs and 0.225 V/decade, respectively. We could know that the uniformities and standard deviations of the electrical properties with PSPI-passivation were improved, compared to the devices without passivation. From these data, we could conclude that the IPL post-annealing treatment and PSPI passivation process gave positive effects to the IGZO TFT devices.




4. Conclusions


We fabricated solution-based IGZO TFT devices with inverted-staggered/bottom-gate structure and improved the electrical properties, stability and uniformity of TFTs array. To improve the various properties of IGZO TFTs array, the oxide channel layers were treated by IPL annealing at atmospheric ambient and the back-channel surfaces of IGZO channel layers were passivated by photo-sensitive polyimide (PSPI). When we treated IGZO channel layer by the IPL rapid annealing process, saturation field effect mobility and subthreshold swing (S.S.) were improved. To protect the back-channel of oxide channel layers from oxygen and water molecules, we passivated TFT devices with photo-sensitive polyimide. The IGZO TFTs treated by IPL rapid annealing without PSPI passivation showed the average field effect mobility (μFE) of 1.54 cm2/Vs, and a subthreshold swing (S.S.) of 0.708 V/decade. The PSPI-passivated IGZO TFTs showed a higher average μFE of 2.17 cm2/Vs than that of the device without passivation process and improved S.S. of 0.225 V/decade. When the back-channel surface of IGZO channel layers were passivated by PSPI, the saturation field effect mobilities (uFE), the subthreshold swing (S.S.) and the uniformity of IGZO TFT devices were improved. So, we can conclude that we could drastically improve the electrical properties, stability and uniformity of IGZO TFTs array by using a simple and fast IPL treatment with an appropriate back-channel passivation layer, which can be used for the large area process. Since this IPL rapid annealing process could be performed at low temperature, it can be applied to flexible electronics on plastic substrates in the near future.
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Figure 1. Schematic diagrams of (a) In-Ga-Zn-O (IGZO) thin film transistor device with inverted-staggered structure and (b) intense pulsed light (IPL) rapid annealing system with xenon flash lamp. 
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Figure 2. (a) The drain current (logarithmic scale) versus gate voltage (VG) plots and (b) the square root of drain current versus gate bias (√ID–VG) transfer curves of IGZO thin film transistors (TFTs) on Si wafer annealed on only hot plate and with additional IPL processes with 2~3 kV and 10~15 shots, as obtained under a drain bias (VD) of 30 V. (Pulse widths: 1 ms for 2 kV, 2 ms for 3 kV). 
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Figure 3. The X-ray photoelectron spectroscopy (XPS) spectra (black lines with open circle symbols) of (a) hot plate (H/P) at 50 °C for 2 min, (b) H/P at 300 °C for 10 min, (c) H/P + IPL (3 kV, 10 shots) and (d) H/P + IPL (3 kV, 15 shots). The data shows the peak position of O1s. Deconvolution of the XPS spectra shows the contributions of peaks at 529.9 (red), 531.0 (green) and 531.9 eV (blue) from oxygen atoms, respectively, in M–O–M lattice, near oxygen vacancies and in M–OH compounds. 
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Figure 4. Cross-section high resolution transmission electron microscopy (HRTEM) images of IGZO films on Si wafers annealed by (a) deep UV photochemical activation; thermal annealing at 350 °C for (b) 20 and (c) 100 min; intense pulsed light (IPL) annealing width pulse width of 2 ms and (d) 10 and (e) 15 shots. 
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Figure 5. Log10(ID) vs. VG transfer curves of IGZO TFTs on glass substrate treated by the IPL annealing process before and after photosensitive polyimide (PSPI) passivation. (a) 3 kV, pulse width of 1 ms, 15 shots; (b) 3 kV, pulse width of 2 ms, 10 shots. 
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Figure 6. Log10(ID) vs. VG transfer curves and the statistical data of subthreshold swing (S.S.) values, threshold voltages (Vth) and saturation field effect mobilities (a) before and (b) after PSPI-passivation. 
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Table 1. The average values, uniformities and standard deviations of saturation mobilities (μFE) and subthreshold swings (a) before and (b) after PSPI-passivation are shown. The uniformity values were calculated by [(maximum − minimum)/(2·average)] × 100.
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Parameters

	
Before Passivation

	
After Passivation




	
Average

	
Uniformity (%)

	
St. Dev.

	
Average

	
Uniformity (%)

	
St. Dev.






	
μFE (cm2/Vs)

	
1.54

	
48.8

	
0.33

	
2.17

	
18.7

	
0.19




	
S.S (V/decade)

	
0.708

	
75.5

	
0.28

	
0.225

	
57.8

	
0.07
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