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Abstract

In this study, alumina that was crystallized at low temperatures was fabricated by a

sol-gel method using precipitate produced with a homogeneous precipitation method as a

precursor.

Alumina is one of representative ceramics that are used in various fields. Its

transparent thin films are available for fabricating materials applied to various optoelectronic

materials such as an optical filter and an antireflection film.

There are various crystal structures in the alumina. Among them, alumina that

exhibits electric-insulation is a-type. Alumina is expected to be used as insulation layer for

reducing sizes of various electric elements.

Common methods for fabricating a-alumina need annealing at high temperature,

which brings about much consumption of energy. Low temperature processes for producing

a-alumina are desired for saving energy and reducing thermal load to the substrate and the

element during the fabrication of insulation layer.

The methods for fabricating thin films can be roughly classified into two methods.

One is a method using gas as a raw material in vacuum. The other is a method using liquid or

solution as a raw material at atmospheric pressure. The former example is chemical vapor

deposition and physical vapor deposition. These methods need large scale apparatus. A


http://ejje.weblio.jp/content/antireflection+film

sol-gel method is an example of the latter method. It is a low-temperature synthesis method

that fabricates a film by gelation of sol prepared from a solution containing starting materials.

In addition, it is very useful industrially, because film thickness can be easily controlled by

varying coating conditions.

Most sol-gel methods for fabricating alumina use alkoxide as a starting material.

Alkoxide is expensive, and alcohol produced by hydrolysis may remain in the fabricated film.

A method using an inorganic salt as a starting material is another candidate for fabricating

the alumina, in which precipitate that is a precursor of the sol is usually produced by adding

base to aluminum salt solution. The precipitate obtained in this method is large in size and

heterogeneous in its composition. A homogeneous precipitation method is well known as a

method for preparing fine and homogeneous precipitate. The present work focused on the

homogeneous precipitation method. In general, as particles constituting a film are made

smaller, scattering of light is more reduced, which increases transparency of the film. When

the particle size is widely distributed, an effect of received heat on the film is not uniform in

the film, which provides generation of temperature distribution in the film. Accordingly, to

increase transparency of the alumina thin film and realize a low temperature process for

producing a-alumina, the alumina was fabricated by the sol-gel method using the sol, which

was prepared by using precipitate produced by the homogeneous precipitation method.

Fabrication of transparent thin films was attempted by investigating effect of preparation



conditions on properties the sol and the film. Moreover, effect of a-alumina-seeding on
crystallization of alumina was also studied.

This doctoral dissertation is composed of five chapters. The outline is as follows.

Chapter 1 is the introduction that includes background and purpose of this study.

Chapter 2 is the previous works that are related to this study, and explains problems
to be solved in this study.

Chapter 3 describes a process for fabricating transparent alumina thin films with the
sol-gel method by using AI(OH); precipitate produced by the homogeneous precipitation
method, and its Results and Discussion. A starting aqueous solution contained 0.2 M
AI(NO3)z and 5 M urea. The precipitate was produced by stirring the solution for 8 h at 80°C,
aged for 12 h, and then peptized with acetic acid for 12 h at room temperature. These
conditions provided production of an alumina sol with a transmittance of 98%. A thin film
with a transmittance over 80% was fabricated by using the alumina sol.

Chapter 4 describes a process for fabricating the a-alumina by adding a-alumina
particles to the alumina sol, which was produced in the chapter 3, and its Results and
Discussion. Effect of a-alumina-seeding on crystallization of alumina was also studied.
Usually, crystallization of amorphous alumina to a-alumina requires the amorphous alumina
to be annealed above 1000°C. In contrast, the crystallization took place at an annealing

temperature of 700°C for the seeded alumina. The crystallization was promoted by



decreasing the a-alumina particle size and increasing the amount of a-alumina-seeds.

In chapter 5, the conclusions obtained in this study are summarizes, and problems
on this study and future works are described. The precipitate prepared by homogeneous
precipitation method was peptized with no heating, and then the precipitate was transformed
to the transparent alumina sol. The a-alumina-seeding lowered the crystallization
temperature of alumina to a-alumina down to 700°C. Successful fabrication of uniform thin
films from the a-alumina-seeded sol has not been achieved at the moment. Morphology of
films are expected to be affected by morphology of particles composing of film.
Optimization of conditions on preparations of precipitate and alumina sol, a-alumina-seeding,
and coating of alumina sol for production of alumina film is required to be performed in a

future work.
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| ‘L_m_ _ Ik-"--’l'\_,—ﬂl ||12C"“" .-*——'||‘-M_J -'|x_=__,_JL.,_—."|"—-—F"| |I _J |\_j\2~‘)”53
I
— | | ||| || h P J || llln'[
£l J'L_Jbl J'L__ s Ja, f A0 o "“ b L Lhﬂqmj/\x;:;s&'
Bl s __a-—-—ﬁu@“c_;w R IV L
g "'"-'_'_'-Hﬂ"ﬂ_\" —/'\“— -—_— __/f\_.-_\__f._‘_:_i WMJ‘\W,__M: \.. ﬁ!“-"{:_
Wl e B e ~ _
Bl N A N BT QR R
B P L R I N = e i T BT
—r-m —Wﬁﬂwrf\\'—r ——w-vv——""-/f\ﬁug:i WWMMMF -
T I MY T =2
e e [T e e HE G,
T o N --‘“*:"'L'—-LEE'J—'\F_LE WMMM#MWM -.M
1 1 1 1 1 | 1 1 1 | )
20 EN 4n 50 B 70 0 Y 40 50 RO 7
26 {degree) Cuko 28 {dedree) Cuko
X 2.3.7 Fiix OIRETEILEE L7-7 L 2 FBED XRD /3% —
HFEW'E : (@) Al(iPr);, (b) AICI; - 6H,0.
2.4 H—ILERE

LB DAEREE D —DITIEBFIRIME L 2 HTERH D, T OHETRY MRk a2 152
. WIS D RBHN OIREZIRLS LTOETOMADMERH D, RERLIE TLEH
TREEDS N & | PRI B DS IR T IS B W CRBTRYIC 81 & » TR S kR 7
Lich, WA Z A E L TIRVIAATLE D ARBERH L2006 THDH, ZORH A
BEL D DGEE LT, W IBEN DD, RISHEWIZH 57 COTLEAIAERGAE 2N 2 T
BE. ZOLBAIEMGEEZ IR THHT D, THISX D TEBAIDMR 2 AR L, TR
WP DRINNZART Do SFRIZ KR 2 AR U7 B AN TR AR I HE S D T2 D X
JESRN DI F O YR EEITHARRY IRBEICHERF SV D, Z DT LA~ DILEBH DR %
BT D Z EMTE, MEOBNVEBRAERTE 5, ¥ BIBIEICHW bR D EHEIE
Bk ED—o|Z, Urea (CH,N,O) 288 %, Ureald H,0 I L <IET., i TAFLLT N

72, IS FIHETWb, Urea DK FESSITIR D X H1ckEh 5,
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(NH,),CO — NH," + OCN’

OCN +2H,0 — 05 + NH,*
COz% + H,0 — HCO; + OH (2.1)
HCOs +H,0 — H,CO; + OH"

H,COs — CO, + H,0

Urea |3 70°CLL EDMBUZ L0 i L, pH &K 9.3 FTELSHD Z ENAHETH 5,

SHIT, MAAEAFIE L TWRAEIT 2 2 8I28 Y pH D ERZ1EIE3T2 2 L b aETH D,

25 a-TNVIF
251 -7V FOERE

xR 2 FF O 7 L I SR ESMERIEE AT D 2D o MADFERE LI T H
5o 0-7 VX FOEEL T HEMRET Bayer 5 TH 5, Bayer iE 1T, 1T UDICFEEITH D
R—F YA N EIKEET Y U LNEEIRIZEERE L NasAlOg & 975, Aillc kY Al 2 I
DERWT, WmEIT 2 LKL T VI =0 ARG 6N 5, &% 1200CLL ETRERLT 2 2
LIZEY a7 VI TFTEBDLHIETH S,

a-7 VR FERUC BT o FEREI & LT, S-Bahaabad » * %, AICI; - 6H,0, Al By,
BELOHCI ZAWT Y N-F GBI LY 0-7T VI TR EZER L7, X251 8 LU 2.5.2
IZENENFEA OWRETEWIE L 727 VI F 7LD XRD /N Z — B LT L TR (B
JVERIRFE 1200°C) @ SEM % /=, BVLUERFE Y 1100°CIC BV T o-7 /L X T~k ik
HEEZ D, 1200°C OEGLERIC K 0 RIS 32~100 nm THDHEFED a-7 /v I TR -3 A RK

L7,
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Intensity
%

. 800 °C
_ e N 600°C
20 30 40 50 60 70 8O
2 theta
e B- Al:D; *1- Al:Oy ® q-Al0

251 FExORE TR =T /L F LD XRD /8% —

oT R S  —
SE * S0 r

252 HULEEZOT LI FEED SEM 4

BVLEIEEE : 1200°C.
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252 o-7 VI T OEIBRA REAT

a-7 b X F DGR 1000°CLL EOBERAMETH 5, AR TD o-7 /b I T DOIER
TrEAOHRBIC LY =X —OHFIC/ERIER Z 1T D R E X OHE -~ OB AR
DR IFFTE D, L LARR L, ZOREHNTZL < 20, AE Tl a7V I T ORI
BRSBTS DB OV T~ D,

Li &9 0%, BT VI =v A e D VBREHBEWE LT -SRI L0 B
HIBRA Z B 5 Z L2 LD a-7T VI TR AZER L7, XRD HIZEIZ LV 950CTD o
TR T OAERBHER S (M 25.3), FRFERE & BUUINEE OREbic LY, 7=
Y& (mol) / 7 V=7 A (mol) = 1, BULEIEE 1000°CIZIWTEMGHZR o-7 /v
ST EERT L LR TERE (X 254), LM LAERL, ZOFETEZ = U BORINE
D2 < . RHUIRAIZ X DML O R E~DOEE NS I NS, S HIZ 950 CHIER

TR E LTHMIBEICITEL T T, ERLEEAHR T 2ANEEN D,

* Y o «-ALO,

. e oA,

|
|
[
i
I
r:'

= o o
G vty asnihrd et bl i,
SR amismauia Lo L TR TN BRI

20(°)
X 253 Fix OBWEIEE CIERLL7=7 L 2 FEHAD XRD /N7 —

(a) 200°C, (b) 600°C, (c) 800°C, (d) 900°C, (e) 950°C, (f) 1000°C, (g) 1100°C.
(VB | BT VI =L =1)
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[X] 2.5.4 FiiAx OFULELEFE CIERL L 77 v X A FETEM

(a) 950°C, (b) 1000°C. (VB | BT VI =L =1)

26 KEDEL®

VR B W TR OBRIED ] O 7= DI B 2 VW5 Z L I3ATh b, L
7235 T, AR —ILEEE WD Z S A N7k e E 2 onb, £, HiE
PERLC BV THRARIED Y -7 VB AV D Z & 1d, KMRTE & e~ TRICB W T ORI
DEHETHLZ LRV aX NEMA DL ENRARETH L, YLD &ENBE—ILEIEIC
R DA N2y - R X DB ERII TR H e ik & B2 bivD, BUE,
o-7 /L 2 F OIERLZ TR 1000°C L EO @R COBEE N LE CTH 5, Z OBMLEEE % T
F5ZLiE, =X — OB L OIS TRICE T 2 R E~DEEEE 2 D LIEF
ICEHEBERENCTH D, KIRAKRT 22 AOWREITN 20 b 503, (FRFIEBRETRE

ERH Y BB S EIFE LV, PEOSICB O THENRD LTV 5,
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BIE BUWBREEZRA LI NV-TNECEB5ERT VI FEEOER

31 AEDHH

RETHE, TN =0 A2 HEWE & LC, B RBIEIC X0 (ERL L 72 i & i
BRIR L T2 BAT VI VOERE BIE Lz, S5, YL-FIUEIC K Y ZOEHT Vv
LTV NANSERAT NI FTEROFER 2R T, B —IRERIE T O N DB OFAT 21T 5

LB, YIOVOFHREAE SNBSS 2 D B OWTCRME L=,

32 EBR

321 MWK
<distilled water (H,0) >
ARFEER TIPSO BRI W TR DK 2] L7z, Z8887KI%. JKiE7K % Yamato ff

fOWG-250 12k A Al TO®%AKE L TR L,

< Aluminium nitrate enneahydrate (Al(NO3);-9H,0) >
THAI=UAJE LT, THRORAIE (98.0%. Frik. BRI FHRASH) 220 F £

A L7,

< Ammonia solution (NH3) >
T U= T WINEIZEB VT AIOH); ThE A ERL T 2 RO REAl & LT, M3 EE

(28.0~30.0%, Hrtk, BIRLFHEASH) 220 FHEH LT,

<Urea (CH;N,0) >

PJ— LB 3BT AU (OH, CO%) Ot & L, MR (99.0 %, 4k,

17



BRI AR ASth) 2T EE/HM LI

< Acetic acid (CH;COOH) >
W) — PR L 2 F O CHERL L 72 AIOH); LR DfRIBH & LT, TR ORI (99.7 %, Hifk,

BIs(L R AStL) 22D EEMEH LT,

<Nitric acid (HNO3) >
Y)— bt A VTR L 72 AI(OH)3 IR DFRIB A & L C | il OF3E (69~70 %, Fhfk.

BRI AR AStl) 2T E EHM LI

<Hydrochloric acid (HCI) >
B — TR 2 IV CTERL L 72 AI(OH)s LB D fIBAI & L C, mHilkRDORIEK (35~37 %, 4

W, BARILHRASt) 22O EEMEMN L,

< Sulfuric acid (H,SO4) >
T FEBREEER T NG T D700 EZRET 5720, T

(96.0 %, Frflk, BARALFRRAStL) 2D EMEM LT

<Hydrogen peroxide (H,0,) >
TV F R A R R D B A Ve D 7o ORI S 720 iR EE (30.0

~355%, Frfk, BIRILEMRASAL) 22O F EMM L,

<K AWH T ARLT N~ F 2>
IO & L HIRO R T 7 A Bl X— 7 F Z (18 mm X 18 mm X 0.12~0.17 mm,

FNRAER) 2Rl (k) U TR L7,

18



<RI N—F T A >
EREOEMR E LT, TilROGIEED X—H T 2 (18 mmX18 mmx0.3 mm. H il f-#

Wk th) ZRTlE (k) L TR L7z,

322 EREME
<T ISV LR >
321 IZH—EBAEIC L VS bR A IR & 327 L I S Y L OFREFIAE R
I, FREE/KIT AI(NOs); * 9H,0 Z 157 L. 8 M Urea /KiIBiR &Nz 7=, IRAEIRE 7 +—H
—/NZH1 80 CT8hi#E L7, AR L7oibi % 25°C (i) THER L., £0%, EHil
YeifrA 3 [EATV, AI(OH) TEBEA Y L7z, Z OILEHIZ CH;COOH % CH3COOH / A
(mol tt) =015 &7e5 Kk 9z, 25CTOFBIC L DMBIZ LV T F Y %157,

Bt LT 2 R 321 1R

H,0 3.75mL
<— AI(NO3); * 9H,0 0.75¢g B P
<— 8MUrea 6.25mL AI(NO3); * 9H,0 : 0.2 M
FH#R (80°C,8h) Urea :5M
M CHsCOOH / AI** (mol F)=0.15
AIOH); =t 11 1 |

il (SR (25°C) ,12h) Bk
D YEE (10000 rpm, 30 min, 3 [A])

v

Al(OH)3 T

<€— CH;COOH 17.2puL
BiE (25°C,12h) R

v

HHT LIS

X321 ¥W—ibBEERA LT VI T Y L ORETIE

19



321 WEAERE T Y VRIS I T B MESR R L b

eSS Fgt i

Urea =& 2~TM

PRI 0 BN ] 0~7 day

i A CH;COOH, HNO;, HCI

F R N fEB# (mol) /AP* (mol) = 0~0.25
i R FEE 25~80°C

A PR R ] 0~12h

<T U= TIRINEIC L D AI(OH); ILBe/ERL >

322 7 =T IRMEICE D AIOH); LD ERLFIEZ 7~9, /K 10 mL (2
AI(NO;); * 9H,0 (0.750 g. 2 mmol) Z¥&EN LEIR THI L7z, ZIUZRIED NH; K% pH
DEAMITIZIET DETIH T2 LICKVIERA AR S Y, 2oL 12h Zpkis &

75, BT 3 ET - T AI(OH)s T & B v i L 7=,

H,0, 10 mL

<—— AI(NO3); * 9H,0, 0.750 g (2 mmol)
B (EiR)
<—— NHjsolution. (pH6.4 |27 5 F T I)

\ 4
Al(OH); B ¥1Z

A& EE
AI(NO3); * 9H,0 : 0.2 M

FriE (581, 12 h)
1L EE (10000rpm, 30 min, 3 [A])

v

Al(OH)3 L%

322 T UE=TIRINEIC LD IRBEROFIE

20



<TIVR F VR ERL >
TNI T NEY—LICBEL, BIERTHEBELZ UL L%, A UASRTTIELT

IV F IR EAERL LT, F7-. ZOT IV FHA IV RIZHE 2 OVRE CEVLEL L7,

<BWT LI F R >
RO AN T ABLOEET T A S — 1T 2 %2 PEIC 30 min (218 L7-1%., K
KT, T LUEMNRE Lz, ZOBKRICRAR- L7 AI ST YA EHTL, AV a—X%

—IZR VIR LTz, £D%, REFIZ T 500°CH LT 900°C TEVLEE L 72,

3.2.3 EBREAMEFSM
<3O >
Al(OH); T A [BIIN 45 T OS2 72 0124 T - 723 D IR T, 33 OB (TOMY,

Suprema 21 F721% Suprema 23) (2 X V1T o7, LD SAEIE 10000 rpm, 30 min & L7z,

<TEB: D5y BB E >
EOLIZ L > THLNREBEDE oI5 G « Al %9 — (THINKY,
ARE-310) 5 L OVEBE I EHHE (BRANSON (YAMATO), 2510J-DTH) % 7=, #BHIkIC

£ D BT DI RBI BR 2 G A D RN H D720 ik TH 20 min LIN & L7,

< I T AT DOBEEHE DO FHEL >
BT LI FEIE A VERG S B O BRI, HS0, & H,0, Z RIS T T7:3 L7205 &

IITIRE LTz, VeI RIFFME S 2 2 & TIHMEZ K O T4 2 BRI L7z,

<A a— k>

BT L FEFEERIC DA a—% — (MIKASA, 1H-D7) % /-, #iFEfEfl

21



ST E 2 400 rpm /s, [Al#isEk & 4000 rpm, FRFFEFRTZ 30s & L7,

< 7 JE >
TV F T VIEREREE D 7 L 7Y )V OREIZE W TR, Tl E L TRAF CT=

BHIR AT oo, B2ER ISR VE LIeT v — 2 — P TR HIRE 1T o T2,

< B>

TNAIFTTNBEEB XOEEOBIC L 5B LMD 72 DESNE (Yamato, Muffle
Furnace FO 100) T &V BVLHL 24T o7z, #IROBULELGAE A 225K, 2 h, 500CH LT
00C & LTz, 7T NVEOBMBERAT 22255 H, 2h, RALFE~900°C, ALPRESE F

TOFIEEE 10°C/min & L7=,

3.2.4 FHH
<) K D URERAERIRRIZ 3817 2 ik O FEAl >
P)—iLBaEC K D RSEIR D pH B EFZ8 k1T pH %M (HORIBA, 9669) A L, pH #

— % — (HORIBA, D-52) (2L v ilE L7,

< Al(OH); P DFF-Alh >
T L = T YRS L OW) LB TR L =B, A TGS (SEM, AA
-, JEOL JSM-5600LV) # L OME—Z Efirat (Malvern, £ —% 41—/, 2590) IZ

K 2EHPEHGEL (DLS) MIEIC LV | JdRkE KL ONkife 2 3l L 72,

< TV F N OFHE >
TR TR, S ATE RO O R (R ERT, UV-3101PC) B LUV E—~4

EALEE (Malvern, B—# WA ¥ —7 /7, Z590) (2 &% DLS HIEIC LV, Bt KOsk

22



Z R L7,

< TV R RO AR >

TN TV R, BVEE | RERITIEE (TG-DTA, B, TG8120) B LT
X BRETEER (XRD) 12XV R 24T o 72, XM ASERE . B L OO 2=
FA =5 —=iE (PREER, Ultima IV) 2460 L7z, BUBhaIcidy U o SRR (F
—NR—= =X ey I AL A =24 AW, 71T CuK, ## T 1.2 KW (40 kV, 30
mA) & L. HMIEFA (20) % 10~80deg IZFE L CHIE L7, AU > M 0.5 deg DD

HOxE MV, AFX ¢ VL 4 deg/min & LT,

<EWRT VR FERREOFEAL >
BT VI RN, ARV RN e R (BEEERT. UV-3101PC) 35 L UNE
HAE FIEINEE (SEM. HAAREF. JEOLJISM-5600LV) 2 X 0 B eMIs X ORRIBHE: 2 274

L7z, SEM HzEHIEE AR 2 Y U 7 L CHIZE LT,
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33 MRLBLE

3.3.1 AI(OH); TRk
3311 ¥—ILBIEIC L DUBRIERICIKIT D Urea IREEDE

[¥ 3.3.1 (T Urea iR £ 2 2k & T L 72 SOGERIR DF %2 7”797, Urea IREEDY 2 M Tl
WRITEADEETHY | ILBEOAEMITR SN2 o7, 5BIVTM TIIERER? B L
Too NG AR ZRIRTLR2hEFET 5 L Db T IR LM & TM &2 i L7254,
5 M DI EREREITA 722 < Bk B o7z, [X3.3.2 1245 Urea IR L ICI6 1T 2 RUSERHE D
pH ORI b Z7RT, 2M Tl pH A 3FEET10h &l L TH A LIT R oo Tz, —
F S BXTM TIE2h 2 L7-EN S pH O_EF8H 540 10 h Tid pH 25 7 FLEE 125
L7ze pH O EFHEEIZTM O BN KEN- T, H—IEEHE T Urea O iR d-< 0 &
L Z D D TERDOA A U REIFEBIZ ER- Levy, A FUBEN/ NS W & ER EHEEN
REL 2D T DAERRRL T EZOMEZE & Z T & 72 D BRE DI & ChL 7k & 23 i S
b, —JF. BAERITEZ 57Ok F 232 ERT D28 LD, pH O EFEE
BTM KRR 5 MO J5 8 Z DZhF3 R < Bl 7= 72 O 72k 123 2% < Azl Loy ok
MR THoT B D, ZORE IV MR ILE 215 5 1T TEBAERIZEMF I B\ T

Urea J2E5M 23 L TWAD Z Ebhno T,

= 5 .
= IG1% 12h§3E %
X331 ¥W—IbBIEIC LSS KISRIRDEE

Urea 2/ : (@) 2M, (b) 5M, (¢c) 7M.
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0 2 4 6 8 10
Time (h)

PH (-)
N W b O o N @

332 WILBGEIZR T D RUSEIE D pH ORERFZEAL

Urea J2% : (O) 2M, (@) 5M, () 7M.

3312 T UE=THIER KO —LEEE THER L7 Al(OH), ThER D Lk

3.33 (27 V=T HINER L O —IRBIEIC £ 0 £ B a7 AI(OH); O XRD /34—
Y, WTIOWEMITIHBWTH 20° | 307 | 457 | BLUY 60° fhfgic7e— Ry
— 7 WEONTEN, B2 E— 27 136N T, £/, IZEFR L Z —2 Th o7, Violante
5YIZE B L. AOH) BRI FIX K T HIC N TT BT 7 AN HEEN—<A b~
fmmib T %, AR TER L2 TH . BARIZ X VN —~ A F~OfG ikl
T2 ETRENT, LELRBRL, PR E—BAONRN-TZ L6, BRITIE
AT Lo lz B2 bND, o, MENIZEER U ARZ = TholoZl &b, 7T UE
=T UGG & Y LBE TERL LU 72 AI(OH)s BN I IZ R OREE 2 FF O L HEZR T 5,

3.3.4 124 AI(OH); L D SEM B & 7~d, 7 =7 IRIMEIC X 0 /ERL U 7= 3 ks
BB LZ 10~15um OFHETh o7z, —J7, H—ILBIEIC X 0B o N2 ieE T, 7F

HH ORI T2 B 72 DEEEM D BIEE S Tz,

25



[4 3.35 3 LUK 3.3.6 IZE L E N —ILBAEIC K 0 15 b7 PR ik ds L OV DLk
AW THRERE L7277 v X100 DLS MIE#E R 2 7= 9, TRy Bl C e R o3 A & 7= 90kL
BIFLum THLHOIC L, 7AIFYATIE36nm Tholz, 7 U E=THRINEICX
DAERT HILEICBT 2 HE D 1Tk D & BRI KB L A ) I~ — DIRLE
Keggin H#EMEEE S 4v, MRIBIZ LV Keggin & IZA STV =0 LKBREW)E ) ~—
BLOAY ==l S, ThbBMEEE L ORISR 30 nm ORG24 %,
XRD HIERE RN DR ENTZ X 9IS, 7Tre=THINE S IRIEREOBENER SNz, L
Teido T, BW—IRBIETIE, 7 B =7 IRINE & REROMFE 286, il 7ok 723 R L
TeeEXND, TUVE=THRINEE RS & B—EAEIZ X0 /ER U7 ER 73 &
OB 1% DR ORBITIEF NS K B =R b D Th o 7o, @AM EHIMH 2Rk 0 5 A3
HOHELUINE L2 TRENRLS 2D, £DH, BJ—ILBRIETHER L2k %2 v

DN FBONDEOFEREIIRIFTHL Z ENTHREIND,

(b)

(a)

Intensity (arb. units)

20 30 40 50 60 70 80
28 (degree), CuKa

3.3.3 % AI(OH); tEE D XRD /8% — >

-
o

(@) 7rE=TIRNE, (b) H—ILREIE.
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3.34 4 AI(OH); It SEM 4

(@) 7rE=TIRME. (b) ¥J—ILRYE.

Il llI l\ 1

0 00 100010000
Particle size (nm)

335 ¥R L V15 DR DRI AR

27



W
o
I

N
o
I

Number (%)

=
o
I

O1 | l”l”110 100
Particle size (nm)

[} 3.3.6 ¥ —ILEAEIC L VEONZEN SR L 727 v 2 F VORI

332 THAIFVNRBEEOBRS
3321 EBRARRERE DR
B 3.3.7 [ZHEix OBEIFRICB W TR L 727 Vv Y v odEiaE 2z R4, AkEiTh
FTITRB S ET-5E OBZEFEIL 795 % Th - 7o, BpkFf 4 12 h 1232 & ZiE=R1% 98.2 %
Loty BylZa Lo L X121k, AI(OH); LB T T BT 7 A Th oo, BRI AY
AT U CRIRDORE DRI HAER LT EBZ BND, TDD, VILOFHEBITHAK
K 12h Db DL VKo7 EZ bd, 122h x5 L, Pl R 721288
FITMET L, 7day DL XIT1E85.1% Th o7z, (3.3.1.2) THkR7=LB Y Al(OH) Lk
BT DICONTT 'L T 7 AP LN —~ A h~EfERT 5, Y KBFZECIE
U2 BT, BROEHLIZE D TELT 7 AN SHER—~ A b ~OfkibiEE

AL LT Uz EHERI SN2, 12 h Bylitg O AIOH); TEEIAIR D pH £ 7.2 TH D . 7 day
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BARLT D Z LIk pHIZ 7.3 I B Lz, ##—~ 4 POEERT00 THD, ¥ Liz
Mo T, R Z R < T 512200 T pH BMFEN—~ A1 FOEEM 9.0 [TESWe, 7742
B Al(OH); LKL - DR EBM AN S 720 | Z D72, Al(OH); TLIERL 11X EEE A Rk
INTcEEROND, Flo, BEDETT DO T, ZOBEKROMBNREIC/R D Z
CIXBEGICTIEN D, T DT BR8N 51220 T fEB AR & (CH;COOH
I AP (E/VH) =015) BRI 8o TRRBARER LR | BREME T LD

o,

=
-
o

o
o
|

Transmittance (%)
~l 0
e ©

o 1 2 3 4 5 6 7
Aging period (day)

o
o

3.3.7 A OWERRFEICB W CGRRLL =7 L 2 Y L oFimE

FHHRIGAE: © Urea IR 5 M, fi#fB A CH,COOH, fZB#A&: 0.15, fRIBIREE 25°C.
HEME ;- 500 nm.
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3322 fRBAIER L UMBRIRNEDORK

I & LT CHaCOOH | HCI B X UVHNO; Z N TR L 727 L 2 S Y L OFERE %
g L7 & 2 A, REREITRLNRNST20Y, CH;COOH & WAl T 8T
xR LI, LEER-T, K0BHALTAIF Y AERRT H-01201%, BAE LT
CHSCOOH 2% L T\ % & 472 LTz, [X3.3.8 (2, MBAIRTSINF X OFE 2 O BAIG I
IZBWTHEL L =T VY L OBEEHEE R~ T, CH,COOH/AI (F£/11k)= 0.05 LA F Tl
fRBETEEBRITIZFE O % Tholz, 010 A EL T2 LIRFEHICR-T2, Lo T, MR
ZHICSE T SEAITITENLE 010 BLEICT 2 MERNH D Z L Rbho Tz, HlREITE
JVHHRIZE 72> TH L, E/H 020 D& X THEBFIT 96.4%ICEL, ZNLL ETiX

I—EERoT,

100

N e o)) 0]
o o o o
| | | |

Transmittance (%)

o
|

0 005 01 015 02 025
CH,COOH / AB* (mol / mol)

% 3.3.8 Flix OBHITMNEICBW TR LTI F Y L0FEER

FHELSEIE - Urea JREE 5 M, ZARKIFRH] 12 h, f#fE A CH,COOH, fRIBIEEE 25°C.
HIE W& : 500 nm.
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3.3.2.3 fRBIRE R X UYRBRFE DFE

X 3.3.9 (Cffx OMRBIRE CHM LTV F Y LoBEiRERE/RT, 25CTIRBBERIL
125% Th oz, MBIRED ERICE 72> THEWMFIL LA L, 80CH L XI2943%L 7
o7z, K33.10 127 Vv (RIBIRE : 25°C) OFEORIEE(LZR~T, RBRERH
h (IZBWTITEIE R 125 % Tho T, MBRHEZ R < 321250 THEEFITHR L,
12 h #IZI3EEEN 982 WITE Lo, —MKAVREH T L IV LRERIE T, 80°C TiER
T2Z LR VMBENTOND, YD RETIIMEAETORL THEBEOEHNT VT
YRGBT, ZIUTE—REEIC LV AER L 72 AIOH): KL -3l T . 2 D3R

FEICHEL TS, MBEZIRET 2 MATRZNEL LighoTcbEZE 2 b5,

N (o)) 0
o o o
T T T

N
o
|

Transmittance (%)

| | | | | |

%O 30 40 50 60 70 80
Temperature (°C)

%1339 flix DIREICIVRBLIET VY LOdFEEE

FHELZRME © Urea 25 5 M, #AkIRFE 12 h, , B4 CH;COOH, fRIBAI & 0.15, fi#fBRER] 3 h.
HIE W 500 nm.
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3.3.10 T3 F VL OFHEROFRIBEE R R 1

FHELZRE  Urea J2 B 5 M, BARKIEERE] 12 h, , f#IB S CH;COOH, f#IB A& 0.15, fEIBIEE 25°C.
HIE I £+ 500 nm.

3.3.3 T I FFNAKEO KRS
3331 BEE /REBRSH (TG-DTA)

331 T N F Y NEHIRT L L TR BB ARD TG-DTA iRz =7, 100C
TR E — 7 BRONEENED Lz, ZIUIWBIREKDZEBIZEI DD TH D,
F7o, 20CHHTICITEERD & L b7 9 WAV — 7 MBI S iz, ZAUE AI(OH) 72 6 D
H,0 OB L2 b0 TH D, ¥ 320°CHHITE LU 880°CHHIT TIXFAA L — 7 VELHI S h
2o TNENEERLEZ LRI BOBLUVE LRDRNLOTH-TZ, LY o, 2
NHIXZENEIVRBANZH = CHiCOOH D43, B L O¥ER—~A FEIXTELT 7

A D y-AlLOs ~DiEiEIE DZELIC L 5 b D LIRJE Shie,
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3311 TAIFHFLUBAED TG-DTA

3.33.2 X#EHT (XRD)

3.3.12 (T & DIREEIC L0 BVLER L 7= 7 VX F VA D XRD /8% — v & RT,
3312 IZB VT HR~77y, 25°C (BVMLEERT) (T8 Tid 20, 30, 45, LT 60° T
Ic7r— RAE—7 B8R 6N, 500 8L 600C TIHBEE R — 27 TR LT, HFHE—
~A MERIETENLT 7 RATIHWVEETH D LB 2 55, 7T00CEL EIZEBW T y-Al,0,

(JCPDS card #29-0063) /@B SN2 e — 2 BMEHl Sz, 2D Z Enh, 600~700CIC
BWTHERN—~A NELTENLT 7 205 y-ALO; ~DORERLNEE 5 2 E RS,
Z DIRFEIIEEE DT TR SN y-ALOs ~DOFEEZELE Z AIRE LV HHRIETH -
72o XRDIZHWERBHIBLEEZ 2h T2 b D TH D, ZHUTXT LT, BAEESHT CTIE
L & AT A [RIRFICAT 9 O T, MWENEWA ISR THRIESND, D7D, AbF%E

THMOIECB W TETOERD AN EEZBND,
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¥ 3.3.12 flix DIEEIZBWTEWLE LT VI T2 UKD XRD /34—

(O) 'Y'AIQOg.

334 FHAT NI FEE

M 3313 IR T T AT T ABILOAHEN T AR LAy a— Lzl T7 v+
WIED GE &~ BT A BT T A RO EIZ1E 25 C T ORI M L OZE D% D
500°C TOEULIRZIZ BT b BEORBEIE Z 6220 o7, ME & b TGN Rko
FREER MBI S u7z, FIBDE ToOZE@ERIL, W#E & HIFF 100 % Tholz, £z, ART

7 ZFER DA TR, 900°C TORLILE & FHiE=ITIXIE 100 % TH > 7,
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%3313 HI AN Ay a— N LEBEHT LI FEREOGE

(a) PLEERT, (b) 500°CEMVLELE, (c) 900°CHVLIETL.
Bt (@, (b) RUTABTT A, (¢) AEHT A,

34 EKEDELD

T ' =T ININER OB —IRBAEIC X DB ARM, B —ILBEIC K ORI L 2k x
N7 V2 F Y VRGO RKE, TS T AR E LT L S O R
WZX 0., UToOmAEE,

(1) B)—TLBEIZ K 2 AIOH) TR ERUC 38U Tl Urea DIRFEADS 5 M 123U THRRIZ RAT
IRFEREE SN, AIOH) TREIZ T v =7 HRINEIC T C —Th o . E
BA%& D> )V ORIFEIT 3.6 nm Th -7z,

(2) EWHRT NI TNV EPFRT H72DITiE, AIOH); LB A Bz L - T Ttk S
THZENMETHY, BIEEIL 12 h Bl TH D Z LIRS T,

(3) ¥ —ILEaE CER L7 A VWD 2 LIC kv, fiE7e CHCOOH IRIn&E T, L
t, 25°CCTRBRATRETH Y BTV T VRO TR Z @S5 2 LN TE T,

4) TN FTIIVBRITBERELIZ L VX —~A FHDLWIETENLT 7 AND y-AlL,Oz ~
EHEELT D Lol

(5) BRFZLVELNTETAIF Y, BIXO, A ra— R Nk HF5 2HE FICE
B 72770 2 IR BLER R & b I AT BV TR 2NEIE 100% Th

277,
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BAE TNANITFTIN~OBRRBHFIMZE D7V I THEORKBEDRER

41 AEOHEH

3 EICB W TH—IRBAIC X 0 ERL L7 AI(OH) iR Il T — 72 b D THDH Z &
DB S N7z, £z, AMEMFEZRFT L LICLY, BATAIF Y ABLIOEHT L
S FHEEOERIC R LTz, AT, a7 LI T ORIBARE B E L, B—ItBakIc
L0 ERL LU 72 AI(OH); P & W= 7V R Y WICTERE A U L, e~ 8% 7

L, SbIC, FERBINT VT v DT IR O Rl 2 504 L7z,

42 EB®

421 RAE

< distilled water (H,O) > < Aluminium nitrate enneahydrate (AI(NOs); - 9H,0) > < Urea
(CH4N,0) > < Acetic acid (CH;COOH) > < Sulfuric acid (H,SO4) > < Hydrogen peroxide
(H00)> <AHKRUTABH T AR N—=HFTA> <AHWBHN—HF 2>

INHIFHEIE (321) (IRLEGETHRLIE LD, BIWE UL LT,

< Aluminium oxide (a- type), particle size 35-50 um>

TV F Y TIRINGT A FERE SR & L CL RO AR < Aluminium oxide (a- type) > (particle
size 35-50 um, > 99.0%, Frik, BAA LTRSSt 22O F MM L2, M 4.21 1% D SEM
#%E79, SEMB X VR AZFHIT S L 437 £ 103 um TH o2, KL TIHZ DA

ORIEEZ 50 um & L TH, LR~ A 7 m il & KL 5,
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4.2.1 <Aluminium oxide (a- type), particle size 35-50 um> @ SEM {4

< Aluminium oxide, powder (o- type), particle abt. 150 nm>
TV YT RS & LT, RO A < Aluminium oxide, powder (a-type) >
(particle abt. 150 nm, 99.85%, loLiTec GmbH, NO-0008-HP-0025) % % ® % £t L 7=,
422122 D TEM @& 7~d, TEM G L DR ZFHHIT 5 & 389 = 128nm Th -7z, Kif

TILZ OB IRORIFEZ 400 nm & U THV, AR 7 flifS e & Rt 5,

4.2.2 < Aluminium oxide, powder (a- type), particle abt. 150 nm>® TEM 4
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422 FERESE

<FEEESRINT VS Lo >

AR ZIINT 27 VI Y LVORBFIATE 3% (3.22) <7 NI F VLS LFH
BRThb, (2 AI(NO3); * 9H,0 & Urea ZAf#E L, AI(NOs); #2723 0.2 M, Urea 2%
MEM ERDEDICH- LTz, 2z, vr—F— AP B0CT8hHH LIz, AL
L% 25°C T 12 h #H{EZEL L, £ D%, 13O0 2 3 BITTUV AI(OH)s TEER 2 B Y H L7z,
Z DIREZfRIBA] (CHsCOOH) % CHsCOOH/AP® (E/Lt) = 015 &725 ko mx.,
BCCT1R2hEFFEL, TAI T NERTZ, ZOT IV FYIVIHEREEE LT~ A 7 n s
gy E7oIE. R A, ERRER ) AT A EE (SR EET) 2317100

(1%). 3/100 3%). F7/=i%. 5/100 (5%) E72nXoMA. HEWKIEH LT,

<FEAESRIRINT VX T TN O IR >
2 DS CRERE S Z VRN LIRS SR T VY v vy — LT L, g v
b7, A TS TT VIE L THEFBREFMT VI F 7 VbRaER_ L, . 20

FEAL SN T L 2 F 7V RIEZE RIS TR A OIREE RS KOV CEVLER L 7=,

<FEAE SRR T L 2 R >

KU AW T AEB X OE R T AR N— 77T A% Pl iRl 30 min =298 L 7=t 7
BAKTHE L, HZICTELIZbOZERERE Lz, ZOERICT /2 fifkdms 1 %Lz
FEASRRININT VI F YV E F L, A a—2 —(C X FEESIIN T L < s e R

L1z, ZDOH%, KEKHIZT 900°C TEVLFE L 7-,
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423 EEBRERVEFM
<UL DS EERE > <EOWEE> < BT ZAFEROWEEIRORI > <2’ a—k>

IO OEEIL, B 3% (3.23) IRLEEEEBIOFEEZ AW,

< BB >

RSN T VT IR K OFERE @I T L I SO L 2 B TE T
519 ESIF (Yamato, Muffle Furnace FO 100) (2 X 0 BMLEE 44T - 7=, FEAESINT L 2
T VMR OB G134 R R CHEEE 10°C / min, ALERIEE A RALEE~900°C, WA
2~12h & U7z, FEREEININT v X EIEO LRSI 5P CHIRIEE 10°C [ min, ALPR

IR % 900°C, KEfil& 2h & L7z,

< T S D4 B E >
TV F Y IVZIIN LT RS b 2 0 i S8 5 72 Ol I UEv%  (BRANSON (YAMATO),
2510)-DTH) Z# MW 7o, BEREHIC L2 080X, KEDPSWBEIZ RSN E 52T 57

W, KR TH 5min IR E L7z,

< Bl >
FEAS SN T L 2 F OV R BRI O FEAS SN T L 2 Y VO ERIZ B W TR, TE
Wkl L C KRR CRIBIE AT 1%, BZERCFICXVEIE LT v — % — T

R EAT S T2,
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4.2.4 FHE

<FRIEORIEE >

RS E LCTHWD -7 vV R TRIEORIRITEATE 7 IEMEE (SEM, HAE -, JEOL
JSM-5600LV) . ¥ KOG BIE 7 BAMEE (TEM, A A®E 7. JEM-2100) LV / £

(Mitutoyo, CD-15CX) % W CEHAIL 7=,

<TIV RO G >
TAIFFUBEB X OEESIENT VI F AUV RIIEAEE | READH TS
(TG-DTA, FRZEEME, TG8120), B O X #lalPrikE (XRD, HFERE. Ultima IV) 12

KV EHI L7,

<HAER TN T VX F WO R Al >

FHEAS SR T v 2 L, EASE FIMEE (SEM, H A 1. JEOL JSM-5600LV)

2LV R AR LT, RBHI e R ANy Z U S UTRIE LT,
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43 FERLEBZE

431 B—IBET NI F Y N ~ORERERTRING X B RESTE
4311 FERESERINC X BiERE~DBE

4.3.1 | ZHE 2 OIR L TEGLPR L 7o Fifh S RN D 7 v X FBHAD XRD N F — &R T,
# 3 E (3.332) Th~7lBv ., FFHEARMOT VI FTHEIZB W TEBLERTR X
O 600°CLL FOBMLERE CIIBHE R E— 7 XA LN TR —~ A FoODLWITELT 7
ATHDHERE SN D, T00CLLE TELLEE L 727 L 2 3 RIZ BV T y- AlL,O; (JCPDS card
#29-0063) Z)fiE S D B — 7 MBI STz, AL 2 IR0 L7 WSR2 D 7 L
AT EVLERIR E 900°CLL FIZH W T a-7 /b 2 T ~OfERALITE Z 57200 2 & 03 eRd

i,

O
@) @)
. l900°C o O O
n
=
= " A
- |800°C
=
& |700°C e |||A
>
e
» |600°C
o ORI L T TN TR |
)]
-+
<

500°C

10 20 30 40 50 60 70 80
20 (degree), CuKa

431 FEA ORI I Y BGLEL L 7-FERE AL I 7 L 2 AR D XRD /XA —

(O) Y- A|203.
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(4 4.3.2 |ZfE A OIRFEIZ L0 BULER Lo~ A 7 m G IRINT L X R XRD /3% —
VERT, FEREMIRINEIXL % ThodH, A 7 v RIINT VI BRI B VT H R
N &[RRI BVLBRIELEE 700°CLL BT y- ALOs D B — 2 AR b7, M T 900°C T o-
Al,O; (JCPDS card #42-1468) (ZJFJ& S5 & — 7 3B S 47z, RSO FERE & 4 I L 2L
JUER L TV WEERE IR LV L BIRICB W T Z o B — 7 38l S g7 2 &
Mo, ZOE—=7 3RS ED b O TIE R T I TREF ORI a- ALOg ~ &
b Lz SIS b0 B2 bND, MO VD TiX o- Al,Os ~DifdH
EIX 1100 CRRETH L Z L NWMEIN TS, Len-o T, FEEmEmckL o 7 v
WD o- ALOs ~Diffi gL B 1% 200CRREIR T35 Z L vz, ftd 2 iind %
AR EICTTE Y F U v LIICHREBENE Z 5 L oWERH 5, Y9 KifsiC
BWTHFERAEOWINT LV | FHE SRR E 2SR L O R & 722 0 RS SR M &

Ni- = EREREHEE SN D, K 4.3.3 ICAFZEIC T A5 RE ORI A R T,

® e)
° o ® o o ® .\ o
900°C | O 140 o NY @
5 o)
o)
800°C Omﬂo A O J \

700°C » A A

600°C I . -

500°C

Intensity (arb. units)

1 1 1 1 1

|
10 20 30 40 50 60 70 80

26 (degree), CuKa
4 4.3.2 FlEx OIEEIC I Y BV L To~ A 7 o flifl RN T L X ko XRD /<4 —

(O) y-AlLO;, (@) a-AlLO;. ~A 7 afEkEHIRN 1 %.
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4312 TERESERYTAADE

434 ZFE %2 OILECTEMLEL L7-J / MRS AN T 0 < KD XRD /357 — o ok,
BLVERIEFE 700°CLL £ T y- ALO; D B — 7 23 Bi7=, 800°CIZE VT a- Al,Os D B — 7 23 L
S, 900C TIZZDIRENR S HITH LTz, ~A 27 afffE RIS IE, 800°CIZHW\T
0- AlLO; D E— 7 BRI SR o T2 Z L n . I 2 Fifs i ORI 3G S LIRS |25

B x5 Ehbhol,

®
®
°
'Y . o
)
= |oo0C ollo 1©
-
% 1@ O o
O ® ® ﬁ
g 800°C ® O O ® '®)
b =t
2 7007
O
-+
< |e00C
500°C
FHOF

] | | | |

10 20 30 40 50 60 70 80
26 (degree), CuKa

434 FEAx ORI IYBGERL7-F 2 FfESE RN T Vv 2 RO XRD /34—

(O) y-ALO;, (@) a-ALO;.  F / FEFESLTRIN 1 %.
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[X] 4.3.5 ([RGB IR X OSSR REIN T v R0 B — 27 58 (a- AlLOs/ v-
AlLOz) DESLHIR AR E 2R, B — 7 MELOFEITHNWZE—213260=434" (o-
AlLO3) BEWN458° (y-AlLO;) Tho, FEESEERNT VI T A TE a- ALO; D B —
IR BN oTTm, B — 7 E T ABLBRERKICBWT 0 ThoTe, —H, <
A 7 o SRR T, B — 7 SRE X EVLER E 900°C D & 12039 Th o7z, iz,
F RS RINR T, 800CH & X112 012 Th-o7-, WHEE%Z 900CIC EF- sS85 &
319 TR LTz, T/ FERIIR O N E— 7 BELNKE hol=Z &b, IRINT 5
TG AL DOV A XDV NTTH a- AL,Os ~DIRIEFE S LICEFRITH D Z & DR S 47z, /INRL
BEOFERE I K D EIREDIRR & LT, — DI REEOMIMC LY | &SI

BT DT NI TR T OB 25 Z LT oD,

N

w
|

N
T

—
|

Intensity ratio (cps/cps)

(&

- & & & *— A

| |

Ap0#: 500 600 700 800 90
Annealing temperature (°C)

%1435 Flix OBSLENEEICK T D7 VI RO E— 788 (a- Al,Os/ y- Al,O3)

(A) FEFESERN, (O) ~A 7 v, (@) J/ fEkEsLEin.
FEAE SN E: 1 %.

46



4313 FEREETRNEDOE

[ 4.3.6 53X 437 ICENENIRIMEE 3B L5 %E UCTHERLL 727/ FEks iR
T FTED XRD 82— ZRd, 56 5 HEGLHIRE 600°CIZH T a- Al,O; O B —
I NOTNBI SN, 1% TIEZ OIRE T a- Al,O; D B — 7 [ ZBLHl S /e o7z,
500°CLA T Tl o- ALO; D B — 7 IZBLHI S e o 72 Z v D, 0- ALOs D E— 7 (X7 /L3
TR ORE A BRT D L2 D, X438 12T/ FfEEEIRINT L RO
— 7 BRE (a- ALO; /y- Al,O5) DOEMLEE FERAFNEZ 7R 7, BULERERE 900°CIzis\ T
L R SRRINEOINC >N TE— 7 PSR E < 2ol FiESEIINEOHEINC
F Vb ORI L D s b MEE S NI b D EF 2 BN D, X 43.9 ITEAL
PR &AL TR OBRE R, FERESRINE 3 38 X5 %D W T OGEA b BVLER
D EFE & IR PR R L, BUWENEE O EFIC L2 > TR R LTz
DEEZEZHND, X 4310 IZHERETEOT MR IRIN A (BYLEIEE 900C) %
Y, FEfERIRINELZ 1, 3BLU5%E Lz L&, M rRixzhTi, 387, 3828 &
342nm & 720 BITEOHINIK L, #idb FEITDOTNTH 2088 T 2 M2 75
T, FEASERTIR TIEW 3700 & BVLERIE B 900°C TRER 4T D y- Al,O3 75 a- Al,O3~ & 7t il
ENEL LTz, o- ALOs ftidm X FEfG fa Al il & U, FERS SR AL O y- ALO; Z1H%E L7278
HIE LTV EB 26D, BIMERZWLAITIE, a- ALO; FEE S I T2 EiL D vy-

ALO; DENP/NSWD T, s RE DI S 7z EHER L7,
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437 FlEx OIREIC K0 BGEL L 7= FERESRIRIN T V2 RO XRD /X Z —
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438 7  FEESRRINT VRO B — 7 5REE L o BVILER R FE R A7
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Crystallite size (nm)

—
o

Annealing temperature (°C)

T GBHTX 4.35 L[4 4.3.6 LRI TH %,

4.3.9
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£ &)
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T

w
o
T

Crystallite size (nm)
/.

| | 1

1 3 5
Content of a-Al,O5 particles (%)

N
o

X 4.3.10 #&dh TR OFERE ST & A7

JUBRSRAE - 7 FfG SN0, BALERIREE 900°C.

432 BMEFFEOE

4 4.3.11 I LUK 4.3.12 (22 L E RS as BRI dS KON FiRS s 7 v < ko
TG-DTA %7, Fifkdm AN KX OFEERS ST L RO y- ALO; ~DfE i bz
BENDHE—71ZZNZEH 879 B8 L 866°CICHNT=, £72, a- ALOs ~DfkEh LI K §
HE =713 1180 BL V1046 C TR S N7z, T b DORERN D, HRESHASINDS
o- ALO; ~DFERLIRE DK T 25 & Lz, 2D OfEfbOEERIX XRD 225155
Nk EIREE (43.1.2 28) LV b EIRCTH o7z, XRDIZBWTIX 2h OB 21T
o To BB FIO T2 28, BAVE B AT CIE AR & T & RIREICA T o 72, 3725 3% (3.3.3.2)
XRD THIER72 L 91T, a- ALO; ~Dif b DN BEWFREMEN H Y | £ DT OB E &
SIHTTIEE OFESEIREEA XRD O34 & A TEIBANCBEI L b0 LHRIL-, 22

T, BVLEREER] OfE S b~ DB 2 TR LT,
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4.3.13 |ZHERE SRR T L 2 T RD XRD /3% — v &R, BVLEREE 2 800°C & L
2o WFNOBSLFRIFRICIB VT v- ALO; D B — 27 BB S 72728 a- Al,O; DB — 27 1%
BRI SN2 hoTo, LTadd-> T, K702 FEKIZ 800°C Tl a-ALO; I L L7gno Tz &
W25, 4314 BLOK 4315 I2nE T FRERIRINT v RO XRD /34 —
YEBLOE—7ER (a- AlL,O3/ y- AlLO;) DOBEMLERRFRIEIFNEZ /R, [FERICELELIR
JE% 800°C & L7z, 7/ FfEf OWINEIZ 1% & Lz, WD XRD /34 — 12BN T
a-ALO; DB — 7 BBl ST, B —ZiREHIZ2 | 4 BXO 12 hiZBWT, 2iLEiL.
012, 011 B LV 022 ThH o7z, 2h & 4Ah D TIIRERERIIR OB >T2H, 12h
IHER T 5 & B — 7 SRS LTz, L= -> T, G EZ RN L7254 I VLR
aR<T5ZEI2E0 o- ALO; ~DFE L EITT 5 Z EMFEIES T, T72bbH, #

pn b3 DR OBVLELIGH 2 235 2 & RS ST,

12°h

4 h

Intensity (arb. units)

| ] | ] ]

10 20 30 40 50 60 70 &0
26 (degree), CuKa

4313 FEA ORFRNC L0 2VLEE U 7= FERS AL AN 7 L 2 R D XRD /X —

(O) y-AlLOs.  EBLZE - BRI FE 800°C.
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| ]
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26 (degree), CuKa
4.3.14 FEx OFFFIC L0 BB L7 FlRER I T L < T3 RO XRD /X% —

Intensity (arb. units)

(O) v-ALO;, (@) a-ALO;.  FEHGM: - - / FRSSLIRINE 1 %, FULEIRE 800°C.

o
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—
N
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©
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Intensity ratio (cps/cps)

O ] ] |
2 4 12

Annealing time (h)

43.15 FEx OB 5T MRS T V2 RO v — 7 55 EE L

((1- A|203/ Y- A|203)
VERLSSA: - ) FlAE SRS 1 %, BULELEE 800°C.
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433 FERESBMT VI T HR

(4 4.3.16 (ZFEFE SRR T L X T & W CERL L 72 FEfS s 7 L X RO 55 %
AT, AB Y a— ML EEN T ZHER EIC, BULERTE X OBICB W T, ir
PO BAF eSSBS T L TR A(FRIT 5 2 N TE e, UL, 3EITBWTIER
L7 7 v -l & bl U Mk DRk 72 & D3 < A b ivlz, X 4.3.17 (IZFEfS
Ba NI L X RO SEM %27, BVLERFTR L OME OWEEIZ BT, 20 pm FRELLT
D& b a & DR T Bl SvTe, T ORHI3fEER S & LTINA 27/ Ffs i d ko
MEZEZDBNDN, FREROREL LN RE R ENDERLE LI LRI D, B
MOE Y IITBEBBIES Nz, RERBEEDORE D ITIIHFIIZ OBAN AL, K
EREEYOFEIDIZB W TUIROBRZ, RERISHPEL LD LB BND, ¥B)—7

IRDVERU I IAERE S DREE 2 I A D & 5 AFRRMEOBE N BETH 5,

ina alumina al

ina alumina al

ina alumina alt
ina alumina al

X 4.3.16 MM iz A a— h LIzffEmEsin T v RO 5 E

(a) BVLERgy, (b) ZVLERT%.
bR /T T A, BVLFREE - 900°C, FEALAL - T/ AL AL, 1%.
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500 pm

4317 W EICAE a— bk LGSR VI FEREO SEM 4

(a) BVLEEAT, (b) BVLPEEL.
Bt o @) RUTATRTT A, (b) FEDT A, BSLBLEEE : 900°C,
MRG0 TR, 1%.

44 KEDELD
PJ—1LBaEI K 0 /ERL U 72 AI(OH)s Ph 2 IV CRAMRL L 7= 7 L X - VIR b 2 Usn
L., fEEE~OREBERET H 2 LI2L 0, LFOMENE LT,

(1) 7V 2T BRI 700°CLL EOBVLERIC K 0 y- Al,Os ~ L fldbfb Lz, LasL. FfG S,
B LZ2NEA . 900°CLLF Tl a- Al,Os ~Dfk kit = & 727 72,

(2) FEFEAERAIINZ LY a- AlLOs ~DfE s LIREEZ NI 2 Z LN TE o, WINT 2 FES s 1T
KD/ NESWIE L, F2, RIMENZ VI E o- ALO; DIKIRARICARI TH -T2, &
DI, BRI OIERIC K > TH a2 e 2 L oo Tz,

() BHMDEGE AT > o kbR, TR G OWINGA: 2 RS SRIEE 400 nm, IRINE 5 %
T 52 LIZRY a- ALO; ~DiEdLIRE Z 7T00C L T2 Z &N TE 7z, 72, 600C
TD a- AL,Os ~Difi AL D ATRENEAVR STz,

(4) FERESIRIMT VI F YA E AN A 30— M2 L D EBERIC IV T, FlifE SO

BESEIC L0 IBEME T2 Z & biro T,
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BT DHEELEBIT, TAIT Y NAASOFEBBBINEED a-7 VI T OKIREREZ R, LT
DI AT,

%3 ETIAT U E=T IRINER L OB —ILBIEIZ K D AI(OH) LB DFfA, ¥5—ThBkiE
(C R DR L7 ih e A T2 7 0 VIR OREC. TV I TSR KO
VR FEEORHETE AT 9 Z L IC R ISR DERE G2, B BB X056
7= AOH); TLIBI T T & = 7 IRINEIC R TR CH—TH 0 | fRBH% D Y L ORIRIT
36 nm Thote, BT NI FT Y NVEZRET 5720121F, Al(OH)s I 2 BARKIZ L - T
fhebz H HFREEITSE L 2 ENNETH Y | AT 12h BEETH D Z LIRS
Nic, B—RBGETER U7 E VWD Z 212X 0 | &7 CH;COOH IRN& T, L
H 25CTRBNAIEETH Y | BT VI YL O TREZ @I T 52 2 &N TE, 7
NI F Y NEEE L TER LT LI F 7 UKL L VN —~ A N DT
TENT 7 ADE y-AlLOs ~ MG T 5 Z LA binoTe, AV a— M XY L
ATt & b I A HDERIRIC B WO CEBRINEIE 100% DFEH 7 L 2 T %2 4 7 2 Hik i
ER 2 2 LN TE T,

W4 ETIIYTREEEIC L B S AOH) iEE 2 W CRRRL L 7= 7 0 2 Y o HE
FEmEZWRMT 2281250 a-7 VI T ORIRGHRZRA, RO LD RMANG LN, T
JU 2 FERIE, T00°C UL EDOBVLERIZ X 0 y- ALO; ~ & ffafb L7z, RSS2 RN L 7220
AIZ1X 900°CLL FCIE a- ALOs ~DfEfb LITiEE Z B e oTz, ZTh & TR, TR
ZWINT 5 & a- ALO; ~DifE IR EE DMK T L7z, I 2 flf fh 3R/ h S wnx &

T2, WINENRZWIELE o- ALO; DIKIERARICERI TH 72, & 51T, BYLFLRM 2 & <
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nm, WINEZ5%ET5Z LI28D a- ALO; ~DfEfLIRE % 700°C &35 Z & % FlHE

L. &HIZ, 600CTD a- Al,O3 ~Dif b D I REME DR Sdviz, FRSIRmT VX > v
AAWTAE 3 — M XY R 2577208 MG OBEEIC X 0 B EME T 975

ZEnbnrol,
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£ 0 BVLEREFE A 700 CIZHB W T o-7 /b 2 F~ORERALIZRED LTz, ARBFFEIZ BV Tt
BIREDIR T2 MEt L2 T v T OREBIIMIETH D, V-7 WIEIFIEERIATRE /2 1A T
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