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Synthesis and characterization of optical properties of ceria-zirconia based materials
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F1E T

1.1 55

1.1.1 Bkt

Gl BHITNE, 77 AT > 7, I X, fala7e EOBEAICHW L, d<n
O ANHDETFEOFTHOLN TS, HFREMNLELNLERNL L R B, filx
EAYREZITHRGEORKETHD, Ry 2 A— L TROERLEZTEIT, FEOE
AR tt, B THY, 505 6000 FERHCT TIZENLDL DN IEEL T2 &
DHHENTWD. BN RO T ABBE TWebDnh, AVRZIITANED
IFIRFREDEM AT EDRHERITE 5. # LIS EN NI SCTFTIT YR o Sk
IZOWTREHINTWD., £2 1 ~2 HHERTOEINE SNDTIVH I —F DR O
FDRRDOFRRBITNEILIC o SONROEHEERZFE L, BARIZBWTHML, RAED
B DI S 722 < OARBIRZR Lav /e SITIEB O BEROEIME bt TV 5.
HRUITHE DN YRR RAN D2 b ONE L, =7 MBI DAL
RLHPNRTYEDLNTEY, AVRZITTEYa sV 770 CTliths, BETHR
Z, HOBWBRNOEHREEG T\, BEREEAET LT TR, I g UL
2 X DGR B T > Tz (1.

.12 &7 v Ak

faias DA AT D450, FIZ, BEk, BdEOEmEmEE, B 7 U v Mg
ICHEHBRE S HiEE, (LAY ORD ICERZIRE TIT Y FIERS 5.

HIFIACEDR R L, BT AEERIZEBB RN A A O THIEL, BT ITHE
BHICAFAET DRER N DR L 72T, 7 AFIZIFIEZEDOEF O THOM L THEEL
TW5, 207, JEITRILS UTEBELDRH Y, A LT <, @#REICB VT
A DOIE O BNELTWSD. LML, bEWmEHWEGAITE B ROBERIREIZS T
T AL FR R AT %, RO SiOy T AHA~GEL CRBA A & LTHET S 12
B, BT AT HREL, BEANSRIE(LT 5720, M2 ERIZIZRN T
HIH LIVIRWD, BEPES, XA NVE, REIZEEL, ZELEEAAVWELELTS
BEITIE, RO O BEERRIC X D a2 bR’ D e, HERETHTE 572D T
W5,

O XD elamgasEEAN T, B TRICBWTERES, ARBEX, B REREIT O 2
O, FREMIREIZM Z 9 2 O TRIFIUIR S22, i OI1F & A ENEITE,
L N EOERILE TH ALY, RBEE L EPHVWLN, ERAREITEREAED
BEW & 2 WITHIBhAI & & HITHER L TRBEARREMIC L THWOND. LaL,
2 FELL EDJFERM ARG UHERR T 2 728, Rk &Rk R O AR — M E U, BERFRES
AN B A RIET.

Table 1-1 [Zf@RE BRI O —E 2R T, fESCHRE~B~ROFEAZAL, IbHIC
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EIRIZHT 2 9 2 b DY, EBER TR CIIERBRETH S, o 0RAaIcE, Bl
1E, CdS-CdSe WEIZHWOHLNTHY, MEIZXIDEHBIEEIIINTWDD, FHik
NV ZEMICERDH D20, NoOFEREESBEDILOEZRIL, #Hi-
RERMEET S Z AN LE IR TWD, mEgER e LTE, 2oftlc, 7UFE
VSR, NTFTYULEYALA=T, HOEWEIBEAXZEES LD, VFIILT
YFERY, JulEEEIELLO, 2oft, HEETHL ST AT LBV
WCEE LT b DB 5. RTINS0, FIC LA THY, FhTod
BIZBIL T, ARk (1250°CHITE) (IR OB SR OREIEZ 72 Si0, T AHITA
A EUTIEITZATE, XK, BEICEAL, ROEEWVDREE XSO, F, ki1
PAXDOREIITIVEAL [2, 3], FREHETHRWZIGA DI, R L TEILLTL
FHZENHON TS, BV ZEMZ A EXEDT280, Vvar, AERRE DO EE A
T DRk & M BN BRI U T2 BEEL O BFFE T O TOD A [4~8], L THoEE
Z DL DIFELIULK VO RBLR TH L. e OB AREHITE L T LT %M
LI X D BN O FER, ZeMom ool bENEEN T\, BifE, E
BHOEICHWONAFEHZIE, BRIV A, BLY, TUoFEY, XNFUTL, 71
LR, 1, KBREFFERLONZEFMEL, ZNOOMERAEZMA 572018, &
TR AR L EE O RIZERE SN TEY, BV UL, 7984V L, TAE
U LR, B lefy TREUCHR A o TR IRE DS WL OFIET S [9~12].

MAbt ) U ATV ERORAERT LN, BRI /va=0 AEDORIGIZE D FHR
WREEDOFHEEZ OB ) T VN a =T EEERSAERT D, 612, BWIREMNEDRE
Wb, BaRgE, T AFORMINTAIT O MEHIX L, Rt E L TORHBIRT
x5,



Table 1-1. Faéra

SEUEFOREEE [13]

2R HHAK FHi
< e (R Mn L OP% & 10AL,O, FH, TRREA,; =V

A 7 A

7 LTIV Tk Al, 0, & Cr, 0, D FEEAEMA St A

ZA=PN L) Fe, 0, & Cr,0, D EEMA ez Tz B H
Fh EIR Fe,0, & Al, O, DR e K A 2L
BRAR Fe,O, s EH

7 1 Lk Cr,0, ez Tz EH
7 LFH Sb & Cr#z [ L72TiO, A

IR LHTAT T Cr X ECr& Co% [EH¥A L 72SnO | HiiH

2

ARV AVEN 5. V% [EH¥A L 72Sn0; Hh, TRREHM
TUFEVH T L— Sb % [ L 72Sn0; bRiiE!
AR AN = V% [EYE L 72ZrO, B, TREHE, FEHH
YgEa Zn-Co-AlR A B RV & i A
v—av 7, Hik Zn-Co-Al-Crsg A B %L M, TREEA
TRAE Zn-Al-Cr-Fe;3 A B R L i, TAEEA
AL Zn-Al-Cr-Fe;2 A B R )L i, THEEA
B Zn-Mn-Al-Cr-Fez A %L | B, FHeEH
H Co-Mn-Cr-Fe% A &% /L i, TRRE A
B Mn-Crk A B %L Hh, TieE, FEHH
IR AT IVIFE LY Zn-Al-Cr;p A B L b
FRVE, TUoFEUHE PbO, Sb,Os% %5 & LSn, |, TiaE, EEEH
Al, Fe, Zn7g & %GR L
71 REREEN
vU, B NIV ZY—>r |7 o AH —F v b3CaO- | B, FEEA
Cr,03-38Si0,
ZA=NN )i/ Cr7 [H¥A L 72Ca0-Sn0,-Si0, | fh, FH2EMH
=83 V% [E¥A L 72710, SiO; Hh, TieE, FEHH
A A NN Pr7 [E¥A L 72Zr0, - Si0, i, TREEH
P—F 7, a—F )R | FeZ [EIA L 72710, SiO; i, TREEH
Jar g Lr— Mn, Co, NiZg E&[EE L7 | B, THaEM
Z1r0,- SiO,
BRI A Cds Hh, AR EH
NAIND CdS & CdSe? [H A Fh, EASHEA




1.2 ®U TV va=7%E
121 BU 7 —2a=7 OFIKEE

Fig. 1-1 I2® U 7 — YL a=7 OIRAEEX Z7=~7.

U7 (BBt U DA CeOy) TN 72 < & HEEM SRS (2400°C) F T
TR DR AR EE D (ERIEE Fm3m). 4ot U LADA A 28T
SENLDOHA, 0.097nm Thd. Pra=7 (0.084nm) LV AF L FENRKI.

Dva=7T (ZrOy) 1R 2700C & &<, MEE, MR MEICENLTMETH 5.
ZrO, 1 TRIE CIXHANRER (ZEMEE P 2,/ ¢) THORZ VARG E L S0,
1150 CLL ETIXIEdh (22t P4y /nmce) DOEATZRZ VAR 2370°CLLETiEsr
Feh (ZZMRE Fm3m) ROR X VAREGEITHIZSE L, UL > TRE L
{bZ# 2. Fig. 1-2 12 ZrOy DL, 1IE M OfE G 2R, Zro i Zrt L o
AU RO R E MR lER Y (Tuh ) B, & HER ) 2EET D E, B
BASZ SO RZ VARREENFIRE CLEME LTFEEL, HHiIsEN < 5. £
7o, L EBIZAhD Zr A "2 3MELTOIF AL TEIBMTHZ LITLY, #
fa DB Z RO T DICEBREITILH] U2 IRE Ok A 4 2 22153 Vo N4
L, BRAbA A DN DZEEF a2 LT85 2 k0 EmoWiib A 4 o 14s
HERBND.

R NVAERESE LT X OB DREED T, A 4L RO R 5 BT 7 ROV
FERIPH CETA T&, RMEE U THERMNRFMEEIIEN LRV, Zr0,-Y 05 R [H
FARICOWTIIRHICREE LSRR BTV D.

Y7 -V a=TEREICIZ L a =T LR, BN, EHg, YD 3O
DOHBFEET D, 2055, EHFMITZEMD t B, WELEEHD ¢, CEIMEET D
EEZHBNTWD [14].

FTDOHIL, vIEE "TEOEWNL, A c/akk’ 1 LY REVWDIZHL, 1% c/a ENIFIFE

1 THY, BEOEMNMPEZTNDELTNDEENTWS., 207D, b UB~DE
REITAE S DR S OZALDIE 5 T2 D IEHEHL ClE & 5 BEAWITETERNLELTC, DAL
FEa~DOEREIIBIEDOEN OO CIEE L ARE L EZ LN TS, Vva=y
LOGHBENDIRWHR TIZ cathiXIZE1L TR TH L0, T2 LickY, calk
L1 EDRELSRD, CRIZRDEBZLNTNS.

122 ®BUTNa=7ZMEoEHE

YT U a =T REABEWITHET AL H O BB AL SICHW BT
% [15,16]. KSFEHEF OEEREICIG U Ce A A2 O 3l & 4 MBI MEZ LA
BV, BEOWE - AL 5 (FeRireine (0SC)). ZoMWEEZFMA LT, M
FREOLIHEZIMZ HHENZ R LTV, ST UBBEOLEK 20 L
TA AN A U, Bt 30 SOFC @ X 9 2Bl O BMRE & L TOHIH
NEZLNTWD [17]. B 7V va=7 REEBILWITAR X VAR E (CaF,) %
EDHTENEL, KMan% < BEFEA AL O FEHE PN 12 DRERRIE N TE T L,
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MEBA A NEIECT V. ZOMIETIE, BBIEWA 4 BT ROKRICEY, Zh
AL TCHEA o MRS ICEIX 5 5.

123 BU TV a=7 eI [18]

Table 1-2 (2 U 7 &b a=7 D4 « AR OWRINIEE &7~

SEHMEIL TIL, CeOs 1, K93.1eV DN RE¥ vy v FZ2AH L, WL L & VVEDH 400
nm (25000 cm™)YDIRWIIL 2> TV 5. m-ZrO, 13593 eV & 5.17 eV D/ R¥ ¥y
Y TR0 22 ODEEEBR O RHEBBEZA L, CeO, &I Eiesn, LEn
{75 240 nm(41666 cm™) T % 240 nm LU F ORI 8 5 . t- Zr0, 1 5.1 eV D
N RXr o 7RHY, BINLIUVMEOEIL 240 nm &t B2 HND. TD), 64+
FEIR OYERS 43T LV m-Zr0, & t-Zr0, Z |5 TE 2 A[REMEN H 5.

Fifl LI 5% < D Cet A A TR L BN E D, RFTHIZR 0-Ce BB EHE
BONAELD. CeMORNEIZAMD 8 ETOMTETHZENTE, Ly Cet
DENIHIE8 TH 5.

ARG Z AT 5 CeOy E BAHDH D HATNEEE AT 5 Zr' Tl & a2 7= [EIR
ROEES: « AIRARY MVIEFRIRTH 5.

250 nm 1% Ce* ' —0* D, 297 nm 1% Ce* —O* DEHBEERIZ L D b D TH 5. 208 nm
L 218 nm ORID/RY RiEEEL, ZrO, = b U 7 ZAPIIEET B Ce¥ D 4£-5d BRI B
HLZEbDEZZ LN TND.

320~340 nm D 32 RITIEHS AT FUZB W TEEEM O v g v 2 —RICN
v FRER & O EB LR D.
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Fig. 1-1. Metastable-stable phase diagram in the ZrO,-CeO, system: (@) c-phase(cubic), ([J)

t’-form, (O) ¢’(c or t”), (A) t’. The lines represent the metastable phase boundaries. The
broken lines represent the stable phase boundaries [14].
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Fig. 1-2. The crystal structures of ZrO, (tetragonal and cubic).
©z*", Q0»
(AR IEREEC 7 U — Y 7 b 7 = 7 "VESTA” Zf# ] [19])



Table 1-2. UV-Vis diffuse reflectance charge transfer band maxima (in nm) for ceria

and zirconia materials [18].

Nature of species and transition™®

Charge transfer band

maxima (in nm)

LC surface Ce*" -0, Ce*'—0*
LC surface Ce*" -Oz', Cet'—0*
Surface Ce’*/Ce*" pair, Ce**—Ce**
f—d transitions of in CeO,
Interband transitions in CeO,

LC surface t-ZrO,, Zr 0%

Interband transitions in m-ZrO,

250

297

588

208~218

320~340

~325

218, 228

*LC=low coordination




1.3 ek
1.3.1 ALEWOFREADHFA [1]

LAY T D E T AR 2 RIRIZRIT 2 5 THh D, ED X 5 R
THEEMTHIUL, A2 O XFREIRIE WSRO E TIRT 5 &, &
ZINTEIRRINA AR . AOJRKIIGA 42, BAFrnTFhichbdH . o
HEDEIC L VERZ 2B anAET 5.

(1) BALFH I T

BN DB L > TAETLLHZBRINARY M Th D, B FOAERIFOLERBRICE
TOBEFITHEL G RN AELT DD, FITIdEFREELZT, B & EFHuE
DI APEDBAFRIC X 0 JLJERAE L b REMEY S h, DR X —EIC K 5k
R GER) DELD. BHEBROLONRL L, —RITKEWRBAE LD, ZOME
IEEHIER THNITHE <, FFRER THIITE.

(2)  FEMBERINE (B BEiIR)

LB D 077 EDREA A NFET DI AE T (LA ICHV L RARWE
1) DFET H%E, TOELFDHEERINL, SO X —REICERL, Z0OE
FTRHRLBRBAA L OFIZBEILL D ET250, ZOLEEAETLWMNANT MDD
CEE . HRBEBRTHY, FEEAILHR. ZOFEDOWRILDOOE DIZF ARV & v
IHONHY, X, BRITCETEIBIELFEL O 26D TIE, oMo
DA T UNEA T RDICHER T EE L L (Bl 21X, Fell —Cl—Felll), #&#H
FENL 28 U CEMBEINEZ 5 EFHINTWD.

(3)  BCALWIHY

BT A S OWIAFIZ LD & DT, FAWCRENRE <, FRERIZL D05
WEB LD, —RICERA T BRALTLfE L TR Ez o< 5 &, IRITMEIFEI,
FENZF DO IFFR < 720, BT RIEEMICBEI¢ 5. s aTiDeil E TRE L
T EEBTD.

4) N RELES
Bl Z IXERICB W TlE 0 O REH ICE T RERT H25AICEZ D, oW
I Z 5.



132 OHIE &£ FHE [20]

(1) ZJetEERE (HERE)

Hea 7 ) ALREFRE I KD BR—DWRIZDT D2 e nité vy, —EDRE
EHolo A BA LW SNEFHIN T L FHIE O O S TR Y, T
EILHAYAEY M3t EE & a2 WIRICY T, KT 2 0M I 251135
HELEE & TR SN TWD. £, FHIENIEEH S NG 5 &2 e D H ik TR AL
Mz L CHHIlECTH AT 2EETH .

RREC DI E %, HECIE R 2 & OJEO5E X OFHXHME, B TR EE LD,
BRELOMIE T T 7IZLTRLEZLDES G E VD).

(2)  StlTxtd 5 H DR R — % RE L

W.G.Wright & J.Guild DFEEFEERIZES X, CIE TED LN EHFEZ R LF—ZA7 K
AT 2 B ORRE 2 AT FAVRIEIEE W, ZORE IR FaEE L VWD . F
BEAHIL 2° P L 10° HEF DA CIE TSN TS (Fig. 1-3).

(3) taoF LK (CIE DEREFHIE)

MR DX, BRIV 2 RO 553 ke, SEloxrd 2 MK o KGR K OSEIT %t
T 5 HOREEREIZ L > TR E S,

DD, T, KEHELRDIEOS A E B O NEE (FAaEE) 2HET
HZECXD, WIKOGHEERDOB Y N> TREEDD ZENTE D, EHEE
BAZEESTIE, 20X REZHICIY, AEERT D HEZEELL W5,

HATIZIIS Z 8701 (XYZ FER KD XY 10Z1o ZEORIE K D EDFRFRITIE) (1T
EINTERY, AR, AEEHE, ReEFHe L, AKEHSTWS, 20Kk
DEFROFERIL, ROXIZKX->THAEINZ3SDOME, X, Y, Z TRREND,
ZLT, INHOEE GO ZFIELFFA TV D,

HEIZTFRRORICE v RDBN D,

X = Kj S(A)R(A)x(A)dA

Y= KI SR p(A)dA
Z=KjumRmﬁmmz

-7,

S(A): BENCHWIZAEHE DS D 53 e o3 AT,
R(A): WA D45 YRR,
x(A),y(A),z(A): ZEta %L,

K: 1 - THZ2 6N D TEH,
[sydz

9



EEROHFE T, BB X% 380~780 nm DIFEHPHZ 5 nm,10 nm,H 5 ML 20 nm
DOREIRETS(2), R(A), x(2)(y(2), z())DEEBEEE T O, ThbrikEH
JHCRRFT 5,

S(2), x(A), y(A), z(2), K IFEMOETHY, FEL-HFE (EHREEE)
DIEAET D720, EERIXIR OAREZHETDHZ LI 5,

L*a*b*HARITIUTORIC L > TEBESNAEETEINS.

L*:116(%n)% ~16

a*=500[(X/4 )5~ (4 )3

b*:ZOOKY/Yhy%-—(gé%)%]

ZZT,

Xn,Yn, Zn : FRENZ W72 AEHEDSE O = HIE

X,Y,Z : x5t b LT D W fktao =il igE
AR L B,

AE* =[(AL*)? + (Aa*)® + (4?12

Fig. 1-4 |2 L*a*b* R A A EX, Fig. 1-5 12 L*¥a*b* R AR DOZERNIAA A —T %
FNEhRT.

10
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Fig. 1-3. A%k

HE Leb*REREER
(2 EE P e

' xR EIS L*a¥b*ReEF o B - 3
Fig. 1-4. L*a*b* R AR ALK Fig. 1-5. L*a*b* &R AR O =M LKA

(EfH &R EE)
(A= I/ Vv2er vy RS A== X051 [21])
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133 554 » AIRAEHUSC A7 b v (1]

PERSCEHEIZEIR D £ £ TWULA LY MLV EARIET D7 7 ETH Y, Hek7r
ETHRIZLT, ZORFNEZNL HIETHS.

%Xm%%ﬁﬁﬁfﬁb,%@%@@%ﬁﬁﬁﬁ%mwfmékb,%ﬁﬂ%#é
ERF DT bEA TH DD, ZO—HIXEIT L TREMmOHFIZAD, BRI I T
#%,ﬁ@ﬁ%%éwﬁ@%bf%%®ﬂmmé.%LT,é%:%z % 3 Ot
TRA, JEPrEE L, IS, T E I ANMREAT S 20X
LTHmRBRENOH HPDFHICHERSND Z LI D. 20X 5 e K E ik
B &N .

PRI & U TR 2l L C & 72061, fEdn b O L CE e
bolzbDTHD., LEEN-T, ZORBTOMPNEEETE D L5191, K
e 30V > THAREIITER G LR U DI 5. 2 LT, ZOHEBE %3
ELT, WA MLVERDD.

flmm A EEEICEDARN T 5 & X DOREE (KA EoMmS /Ao s) R

Z DRGNS 22 T A

2Dz omEo EY ) (1)
(n+1)

2725, EIANZZTIEWVDOTHLEROSLLIWESE VRINOH LW E 2 0 5.
WX D & HWVE T, KE=R R I
n—17%+k?
B En+1;2 +k* @

T&é:&ﬁbﬂofwé.(::T,kﬁ%ﬂ@ﬁ)

IR BT ENRNARI L BAR D & A E T, ZIFZENICHIGT AEEEZ XTI
(k=23030 cc A, & : EAWIARE, ¢ W8 @:E—/I/(EEZ, A AFHEDOE).
AR k AR E L 2L, MHRITI TR ToORRICOE> TUREHETH Y,
JETERAE UFLE OFEWEYE L i 5 2 Lok v, RESEoRBEEZRFIEI V. =
D X I UTHE U7 AHRHE B ST =R RATIE,

(1-R,)’
2R

o0

= f(R)oc S 3)
S

EWVVI)BENE SN TV D (Kubelka-Munk O . s ITEGEUREE Jidh T s b
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Fo2E FER

ZDFETIE, BOETE ) SMAEREO/ER - FHHIC OV CTEEMICEE L, O
ECIHERICGGET T 5.

2.1 AEMRO/ER
HORN IR TR 2 R R T D A5 B Ay O SRR & U CORIEMEIREE 2 VY, KR TR
Bta L<EA L, PRMICXVIBDEZERT 5720, HERHORHECTWHEAH
5.
LUFOFIETEHERK, BUWHEEZITST-.
1. By OKEWEFREOREEZHEL, AR —EESEOND XL, £
TN ETS.
2. REEZEBKIIMZT, —TEEETTHEEKEZEML, ENREEIEMT D
EFTAZ—T =TI L TOKBEKRE SL 5.
HT AETEHBE LN S, WA E LT04M T =T KED LT DMZ,
FIpH10 & L, AZ—T—TILITHHT 5.
4. TEEM L BEVBINREEESE D DIl E R L%, WalTEE ATV,
UL % KBS HR 0D 3 5 B DA K THEr L7z,
5. B THIILEY ZEEIFCAN T I0C TREICHESE, 7 FHET
L < T 5.
6. TEXRIFICANT, RRPICT—ERE (500°C, £721X600C) THEET 5.
7. BRIFICANT, KREFIZT—ERE (900°C) THEWLPT 5.

w

2.2 VRGO R

22.1 {ERGUE ORISR (X BRI, T~ 20 EHE)

A RGRE O AR OGS Z I T 5720, MR X R - 7~ oot a2 RE Lz,
22.1.1  BrR X BRIEHT
X #REIFTIZIZ. U #7 Rint X-ray Diffractometer (RINT-2000), & L < {£ VY #'Z MiniFlex
TOWFhrz i, TORMEELITITRT,

RINT-2000
Target Cu
Tube voltage 40 kv
Tube current 20 mA
Sampling time 1.0 sec.

Divergence slit 1.0 deg
Scatter slit 1.0 deg
Filter Ni
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MiniFlex I

Target Cu
Tube voltage 30 kv
Tube current 15 mA
Sampling time 1.0 sec.

Divergence slit 1.25 deg

Scatter slit 1.25 deg

Filter Ni (F£720F, EEE/ 7 v A—2EH)
X BT b DAL OFE 2L JCPDS U — FZ& iz,

2212 TV
T = U YEIIEIZ 1L B AR NRS-3100 2 LU 7=, i &1 532.35nm TH Y,
PSR 685em™ & L, 02cem” ORIECHIE L.

222 JEFRVRRE O REAM
2221 RS

SEHIEE (=3 /L% CM-2600d) % W CREMROMPAEIT - 70, A%k
BT, EREEETH0 (SCD) L& F720Ed (SCE) NEEFICHIETX 5.
ERBNEELE L TR CH L7290, #EFI1T1E SCE 12 X 2 HEEAEIXES 3 mm O
M4 XL Lz, JFEIZ D65, 10°1E THh 5.

P EREFIX CIE LAB £ £85% (L*,a*b*) # Wz (LAIIHEZR L, 0 ik biE<,
100 N EcHEAD VY, a*¥d b* I EEL, a* N~ A T R D EfHBNEL, 7T X
272D LARAMMEET . b* R~ A FTRZRDEFANBHEL, 77 AT Dd L EANET
ZEERLTWD.). Lxa*b*ENbAaDZERHIZIE, 7V —Y 7~ A L4 AN Prol
ZEH L7 [1].

2222 54 - AIEOLIE

SYVEIEERE (ASEANAT 7 2 mo—X U-3000) ZfH LT, 245605 THE,
240 nm~800 nm O K& DOIERSIIZ K B K RORE ZIT > 72, FOERITNE
72360 mm TH Y, WHEHICHEE N U LARNBMAINTWD. EEMEIZITEELT L
=T LORIERZEH L7z,

WE SN KEENS, 7vh—ar 788 (IF KM B ERT) FR=HH
L.
(1-R?* K
R s FY

22T, RIIEHER, K ITWIURE, S ITBEUREEZF. AFHED > HEGELT 2
BEE—ELIET DL, KM B CTHMRRINRERTZ LN TES.

F(R) =
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ZE L (5 2 &)
[1] i L4 A Pro by Color Dream Net  http://www.colordream.net/
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®3E U T a=THEOA L ZHE

3.1 HMWY

U TN a =T RMENE, BROTER R EE R E NI R KXY, £
D=, ZNODORPUC L V2 B ZFF S TZMEIREOND 2 ENRB X i, H
BIZHEWVWRELDLZENBZOND. TRRBEELAET LENTCHAEREZEL Z
ERERE LT, KETIE, BB EEZHW Y T O ra=7 %A L,
FEAM (X #BREET, T~ okillE, WEEER, SR - "I 21T 7.

3.2 FAb' Y U A LTI 2 FAEHZ VN - A B
3.2.1 Bk
3.2.1.1 AREH R OER
Fig. 3-1 [ZEH RIERLO RN % 7”53, ZrCei 0, (x=0, 0.2, 0.4, 0.6, 0.8) DA
ZFnde ki L it o 7=,
FEHRFEEHILL T LB TH 5.
* ZrOCl, + 8HO Fx VATV a= A\ KR FOERMEE T (FR)

» CeCl; * 7TH,0 R | U VIVNG || R v AIL7) X AbF (R
- NH3 aq (25%) T ' =T K FOGHRIAE T2 (BK)

3212 VERERE ORISR
B EGUB OS2 7T 5720, KR X#Er « 7~ ot a e L.
X #REHTIZIE, Rigaku Rint X-ray Diffractometer (RINT-2000) % v 7=,

3.2.1.3 SRR O AT
VESRIGCEL O Y PR E 2 TR 5 72012, IR ER & 2R4% « RIS I 0 ek 21T

STz
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( ZrCl,0+8H,0 > ( CeCl5*7H,0 >
oo

Mixing

()

Filtration and Washing
l
Drying
(Heat Drying at 110°C)
I
Calcination

(at 500°C for 3h)
I

Heat Treatment
(at 900°C for 3h)

v
( Powder Samples >

Fig. 3-2-1. Schematic illustration of the preparation of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, and
0.8) samples.
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322 REFREBE
3221 ERGUEL O LA

By IR X RREIHT O B A BVILEE FE 723 500°C & 900°C D & DIZ oW T, ENE 4 Figs.
3-2-2, 3-2-3 1R T BRLPRRE O EAIMEY, X BREHTOE—27 238 72> TE D,
FEEmPEDNE LTV D Z DR TE 5. W5 OBVLEIR LI X A5 FRICH W\ T, i
TEI CITIRE MR LN TEY, x=0 (CeOy)ILHH CH A E CTH - 7228, x=0.2
£ 0.4 TIX2DIZHBE LTS DI, CeOy ICHT WL Z & o 72 Ce [ZE T3 7 il
WK (¢ TR9) L 2o0DDONIEM t TRT) THDHEIICARZD. x=0.6 Tl
BN O bz, x=0.8 TIZIESSHOR K E b - 72 BIHTHROIENIC, BT
BFRD DALz, ZAUE, HIICHFET 2 A 20, Th Y, BVLERZIZEN S
28.3° L 31.3° [ZHAEFHE (m Tr9) ThDH. ZHLIIMOBIETO Y LTIk
WLV ELNTZREORREFETH -7 [1]. x=02 &£ 04 TRDOOHND 2FE DO
J7 I IEREIZ 1 CeO, A L 72 ZrO, D IE T EaERIA  (Zr IZH T Ce0y-ZrO, [EVEIA)
EHERI S D.

Z = o IERIE OfE R A2 BULELIE FE A 500°C & 900°C Dt DIZ-DU T, Figs. 3-2-4,
3-2-5 12789, 900°C TEMLEE L7230t D Fd B — 7 @R 0k 7p o T 5728, #E
PEPEDME L CWA Z N EZBNRD. x=0 Tl 460 cm™ FHE DRV E— 7 LISMZIT H
Mo bDITR SNV, x=0.2, 0.4 TlT7 11— FTH/NE—2 73305 cm™ £HiF
IZRBND. XHREPTTIX, 2FICOBE L TZFHOFENTRINTND I LD, S
faD Ce IZETeAHE, Ce A LT- ZrO, DIEFEVRIED T~ v A7 FILINE R
STHLN TS EEZOLNS. x=0.8 TiX CeO, 1B H 7241460 cm™ D B — 7 %
20, HlER = NEABENLTWS., ZAOIZEFREICE D DT, B
R EDN DT IR T ORO -T2, x=0.6 TlX, E—2772 CeO, B R.LIND
460 e (D B DOITHNZ, 305 cm™, 610 e AHUTIC HIFNE DR RS D, S
IZOWTIE, RO ET I THIIL x=08 DL 9 RED A7 MARERIEND
N, MELZTERAETIE, x=0.6 DX H R T~ AT MANBHIEN S % [2,3]. 305cm™
& 610~620 cm™ fFITICERNL D B — 27 1%, STk D ZhEh, WL EIREEDIE ST &
W ET DRBOEN EBRBEOZEIIZELDIRBEEZLND [4, 5. ZOIEF&I
CeOy MDY Zr0, DEAIZ LIV BEATE LD EEZ BN, x=0.8 DLERED IE
1% ZrO, 28 CeO, DIFAIZ K-> TREIL LT D EEZLND. ZDOHE, x=02, 0.4
BT HIEFROREET, Zr &A 8N x=0.6 LV D722 L L 305 cm™ (T2 & 5%
INR T = U E— T DIFENBYELZ TR E 2 B D, K460 cm™ O B — 7 1Z32 57
EWELZERIETERICE DL ONER -T2 bDEEZBND. KR O g
1L, x=0 (337 57 i O A A, x=0.2, 0.4 13575 &t O 4 8 (Ce 12 & T Ce0,-Z10,
BEVRIR) &L EMOIE S S CEATLEATRER (Zr IZE T Ce0,-Zr0,; EAER) , x=0.6
ITHELEADOIE T CEATE ® AR E (Zr IZE T Ce0,-ZrO, [EVEAR), x=0.8 IXZE
FEDIE S CEA TS ATIERE (Zr IZE T Ce0,-Zr0, EIAR) & T 7 AL OFH
DIFETDHEEZLND. x=0.6, 0.8 (XM T & b Zr ITETe Ce0y-ZrO, FEAER & i
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B0, I CeOy 1T Zr HMEAN SN HER EIRIED IE S C, %3 1T Zr0, I Ce 233
ANENT-ZEREDIEESTBTEARLZ LD EEZ BND. x=0.6~0.8 DFIPHNIZ, 584
EADESEHEAHDO L OB E LN AREERH D EEZ LS.
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h L JL,L o~ AA =0
:s: _.._J N S | ) Y Saus x=0.2
o
z
= x=0.4
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A=
S A W e e x=0.6
.—‘I““‘% . —_— e . . x=0.8
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20 / degree

Fig. 3-2-2. X-ray diffraction patterns for the ZryCe; 1O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples

after calcination treatment at 500°C for 3 h.

c
L C \
c
L ‘A‘ A A e x=0
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§ t N AL ~ x=0.2
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Fig. 3-2-3. X-ray diffraction patterns for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples
after heat treatment at 900°C for 3 h (¢, CeOy; ¢’, Ce-rich cubic; t, tetragonal; m, monoclinic

ZI‘OQ).
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Fig. 3-2-4. Raman spectra for the ZryCe; O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after
calcination treatment at 500°C for 3 h.
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Fig. 3-2-5. Raman spectra for the ZryCe; O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after heat
treatment at 900°C for 3 h.



3.2.2.2 SEEERYRHE O

AR ER S B 2 Tables 3-2-1, 3-2-2 12 500°CARHBE, 900°CHERL L7= % D& T NEIR
3. Fig. 3-2-6 |2 x HIZH T2 bMEZ /RS, 5 OBSLPEEIZB W T, bHMEI x=0
~0.4 OFHTIE, x DEINZFENEF LT, x=04, 0.6 TIkbRKEL< 2D, 900°C
TEULE U723 B O TlE x=0.6 R KIED 48 Z7r L, o & b REMTH
7. x=0.8 DFEMIRIZ x=0.2 L EAaBR. —TF, x=0, TbbZr2EHL
72UV DO KGR EF CeO, TIXB TN, Zr WHEETTICE TN Z LIk v B
WEBDRAPGELND I EREZLND. a* T T X TIZHOWNWTIEIZE 0 THY, F
EREDELLOEFMEET, LI T RT8LLETHLIWEAEZRL TS, Ce
ICEOHEICE DHE~OFEIX, X BEFTO/ERNS ZOHEZEICEDLEEZD
N5 x=02 ORELDOEADFEONZIIEERLS 722D, ZHRUEERWEEZ BN
%, 500°CEVILEREE OFEH R D 7 A3 900°CEVILERL D ¥ DI b~ THRE A MEITIE <,
Ce, Zr BA A OEFIOBAINE S EN 2D, BBRESNRWEANRSIFEL,
MIRREODFINIZ 72> TND EEZEZXHIND. x=04~0.6 DFH TEOOBONEKD
B o= Z &1F, MHEOEWSL D Ce ICETRH LV b Zr ICF T E 7 ftan
L ER L, #ATRREER O Cet' A TN F R ONS Ty it F B E
DOHZEICLVEBRENENL, TOEDLVICENELLT-DEEZLND.

Figs. 3-2-7~3-2-10 (Z, S500°CARBE, 900°CHERL L 7= & ik K DL S bt 0 A G
Flo4 2R e XDk v EH L KM B%sE FnEhrnd. ZrCe 0, 128
W, x=0.4, 0.6 TRETFRIEE &b @RI 7 S LTEBY, AIgDEHEEO 9 5,
B, FHITH Y3 2K EM D 400 nm (UL SE 23 HAD LT\ 5. KM BEIZ >\ T
1%, ~250 nm, X TOHALIZIBT, 290~300 nm, x=0~0.6 DHFIPHIZ VT, 320~340
nm, M T3I OO~ BFETDH. TDHH, 290~300 nm D E—27 1%, #*
i EiC® HRENL O Cet & OF DB OBFRBENERICL 5 H D, 320~340 nm O E—7
1L CeO, DAY FRIERICL DD L, BB X HL5H [6]. 320~340 nm D —
TIZOWNWTIE Zr GHEDN x=0~0.6 IZBWTxENKE L R DI ON AN/ 720,
x=0.4~0.6 T b @ E~IEW, 400 nm L Y i E o a7 @O eI &2 7~ L
TW5A. #, BICHYT2REOKDBRINEND 2D, ZOHETH D HADRAN
bt EZLND. LT x=0.8 T, HOEANNEIZES. ZD X IZ CeO,
2 Zr AT HZ LT, fEEEEERO AN REEED IR SN D Z &SI L0 7
WS FAE L, EEODORONPELNT.
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Table 3-2-1. L*a*b* values of the Zr,Ce; <O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after

calcination treatment at 500°C for 3 h.

X L* a* b*
0 94 -4 15
0.2 91 0 16
0.4 91 -2 36
0.6 89 -3 44
0.8 90 -4 32

Table 3-2-2. L*a*b* values of the ZrCe; O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after heat
treatment at 900°C for 3 h.

X L* a* b*
0 94 -2 8
0.2 92 -3 25
0.4 88 -1 45
0.6 87 -1 48
0.8 91 -4 31
60
50 -
40 -
=4=500C
5 30 +
20 1 —8-900°C
10
0 -
0 0.2 0.4 0.6 0.8 1

X

Fig. 3-2-6. The b* values in CIE L*a*b* system for Zr Ce, O, (x=0, 0.2, 0.4, 0.6, and 0.8)
powders after heat treatment at 500°C(a), and 900°C().
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Fig. 3-2-7. UV-Vis diffuse reflectance spectra of the ZryCe; <O, (x=0, 0.2, 0.4, 0.6, and 0.8)

samples after calcination treatment at 500°C for 3 h.
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Fig. 3-2-8. KM functions, F(R) of the ZryCe; O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after

calcination treatment at 500°C for 3 h.
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Fig. 3-2-9. UV-Vis diffuse reflectance spectra of the ZryCe; O, (x=0, 0.2, 0.4, 0.6, and 0.8)
samples after heat treatment at 900°C for 3 h.
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Fig. 3-2-10. KM functions, F(R) of the Zr,Ce; 4O, (x=0, 0.2, 0.4, 0.6, and 0.8) samples after
heat treatment at 900°C for 3 h.
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331 Bk
33.1.1  REMROER
ZrCe 10, (x=0,0.2,0.4,0.6,0.7,0.8,0.9,1) ZFFudibiEic kv & L7-.
FREEHILITOEBY Th 5.
- ZtO(NO3), * 2H,0 il v/ 2 =0 A(QV)A ¥ Rk FOGHEE T3 (BF)

* Ce(NOy); + 6H,O  fifgt U » A(I) AR FOLHISKE T (B)
» NH; aq (25%) T =T K PR T3 (BK)

Fig. 3-3-1 lIZZ DIERTFIAD 7 v —F v — h &R T.

33.12 ERGUEI O ETEE
AR EDER LGS0, XBRarE 7~ 0 ERIE L.
X #EHTIX, MiniFlexIT (U A7) ZHuwWi=.

3.3.1.3 SRR O R
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( ZI’O(NO3)2'2H20 ) ( CG(NO3)3'6H20 )
(oo

Mixing

(o)

Filtration and Washing

|
Drying

(Heat Drying at 110°C)

|
Calcination
(at 600°C for 3h)
|
Heat Treatment

(at 900°C for 3h)
v

( Powder Samples )

Fig. 3-3-1. Schematic illustration of the preparation of the Zr,Ce; <O, (x=0, 0.2, 0.4, 0.6, 0.7,
0.8, 0.9, and 1) samples.
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332 MiREBLE
3.3.2.1  {ERUGUEL O LA

110°C, 600°C, 900°C D4 BVLFLIRFEIC >\ T, AR X MBI O R % Figs.
3-3-2~3-3-4 |Z" 7.

X MREHFIE 5, BVLPEE O BRI X0, KZRITEAEL 20, fESMERE <
o TWAZ ENbns. 1M0CHE% D ZrCe O B RIZIHB T, x=0 TlTEA
HUIRETE D CeOy M BARNEF TIFEET 5. x=0.2~0.6 [ZBWTHILHFEENTFEE L,
ZOREPTHIE, x=0 12D EbT N7 a— RER, S~ 7 MIRO LR
72U, 600°C, 900°CEMILIE % DB RIZIHB W TIL, x=0 TITH ARG D CeO, 37
JieRAE ¢ FHNEAA CTIEET 5. x=02 IZRB W T H L gl ¢ AN EAI CHEET 2723, [H
oo —RKeERD, SMAERAICTT7 FLTWDTZD, Ce0sr-Zr0; [EEIRNIFIE L
TWAHEEZLND. x=04~0.6 TH, x=02 LIFIZXFE CHAKD Zr0,-CeO, EIARAS
FAELTWDR, ZRUSNZ THZICHIOM t NN TEY, 2 HEFEL TS 2
ENEZLND. x=0.7 T tHOLMERTE 5. x=08 TH t FHOLIFIEDHER TX
%. x=0.9 TITH7ICHAHOEPTHRNA R, x=1 TIXHEAMSMAN M THFEEL T
W5, x=0.7~0.9 O TIX t FHOEHTFRO mAMA~D 7 FRFRD b,

110°C, 600°C, 900°C D ABMLEIR L2 DU\ T, T~ i DfE R % Figs. 3-3-5~3-3-7
29, 110°C THEME L7230k CIE, x=0~0.7 OHiH T CeO, DA AIHEEIZ X D 460
~470 ecm™ \ZdH D B — 7 LIAMTIZREEE T U 7 A D AKFUICEEST % S 0% 1050
em FSHTICH B DB T, x=0.8~ 1 DEPATILY a V& —E—27 OLNEHN, BL-7-
E— 7 RNV, BULENEFE O RV, Zr 256 T B Tl e v — 2 38
TS, 900°CEVLEEEHI DUV T, x=0 Tl 460~470 cm™ |2 1 ADFRAVE— 27 72
FRRHND. x=02~0.6 OEPHATIL, TORNE—7 LM T 1 — KT/ B —
773310 cm™, 620 em FHTICR BIS.  x=0.8, 0.9 TIE, EFEOEKD E— 7 3
HNTWs., x=1 TIIHEARBOEY —7 PR TE7-. x=0.7 Ti%, EFEEELOHN
LB O — N T a— RTHIL, S5I2460~470 cm” O —727 &7 m— FICEN
TWD. 2D, EFMBTFET D EEZLNDN, 20— ZHitk DAL x=0.6,
0.8 LT 5L, =7 OHEANNAZHONTEY, EHFMHEOIENITHIOFE T
FEL, bl b 2B oT0NDEEXILND.

SCHRIZ K AUiE [1-3], Ce0y-ZrO, EAEMRIE, Zr A EOHEEMIZHEY, SN HMmN L IE
Fim, BHREEASEHEERET D, £0 D HIEFIMIZOWTIE, MELEIRE &2k
HOLDONPFIEL, 7~ HEDRERNGRZITHI ENTES. 900°C THUL
L7723 EHZ DWW T, x=0.2 1I28\\WTC, BAAHTHET 2D b OIS s ARREED Ce
BT Ce0,-Zr0s [EIAETH 1, x=0.8 ICBWTHME THEIET D b DILT ~ 246
EDDZEREDIEH HOEATZEATIEE T Zr ITET Ce0,-Z10, [EIER LB 2 6
b, EOHRBFERD x=0.4~0.6 THEET 5 2 HHIE, SLHAED Ce IZET Ce0,-Zr0O,
EVEIR & IEFE D Zr IZE T CeOr-ZrO, EVERTH D, ¥k X R & 7~ 43l
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EDFER LV CelZHie L Tt & Zr iZ UEﬁHEﬂFE@ZW ZOTHEL CHHEET D
(04=x=0.6) DWIFIEL, Zr 5B ENLL 25| _Oi’b Ce lZ ?B’ijiaaﬁtﬁﬁ)ﬂi’}\b
Zr [IZE T IE AR ML T\ 5. x=0.7 TiX, Zr IZE L IESEHADIED, DT I
Ce ICEL N MmN FET 2 EEZZ NS, Fike LT, x=04~0.7 DFIFHT, L FH
fa D Ce ([ZE T2 Ce,-ZrO, VAR & IE H D Zr IZE Te Ce0,-ZrO, EAMKR A 17 L Ty
HEEZOND., ZOFEBTOEL®BEIX, T~ aXRENLEE L HELEEIRE
EEZOLND. x=0.9 TlX, ZrO, X— 2D EEIRDZEE IR IE I dh & BAL D ZrO, IMFE
EL, x=1 TIXHEARED Zr0, NFEE L TV D, x HOEIIZEEY, [\ e — 27 O5hE
N6 Zr IZETe CeO0r-ZrOs EIERDIFAERI GBI L TWD Z &b hD. x=0~0.2
& x=0.7~0.9 OFPH TRD LN D xEOEKIZE 7229 RO EARI~D T 7~
A F RN YA A8 0.084 nm, Cet' A F 2% 0.097 nm TH Y, Zit A A DT
DNS L, Zr BEHENHETICON, HAEEEET O Ce' 1 Ao i A Ao lcEx
DO TN LIzl EEZ BN, x=02 12O\ TIE, 110CTHRBELZZH D
Z 900 CTEVLE Lo b D LT 5 &, W& b A LD IR0,
[FPTHRDOALE DS 110 CRZEE L T2 b DI CeO, LI E A EEDL L 72> 7278, 900°C TEA
JLERG25 & b s Em A ERNz >~ F?‘é 728, FZEERFIZIE CeOs (ZEVA T X 3405
EEOIRETHEEL TV Zr NEAVLEIC KV ER LI EZ LS.
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Fig. 3-3-2. X-ray diffraction patterns for the ZryCe; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and
1) samples after dry heat treatment at 110°C.
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Fig. 3-3-3. X-ray diffraction patterns for the ZryCe; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and

1) samples after calcination treatment at 600°C for 3 h.
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Fig. 3-3-4. X-ray diffraction patterns for the ZryCe; <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and
1) samples after heat treatment at 900°C for 3 h (c, CeO»; ¢’, Ce-rich cubic; t, tetragonal; m,

monoclinic ZrO,).
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Fig. 3-3-5. Raman spectra for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1) samples

after dry heat treatment at 110°C.
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Fig. 3-3-6. Raman spectra for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1) samples

after calcination treatment at 600°C for 3 h.
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Fig. 3-3-7. Raman spectra for the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1) samples
after heat treatment at 900°C for 3 h.
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3.3.2.2 SRR O

110°C, 600°C, 900°C TEMLER U 7= 1% DU K D il 43805 2R 4 Tables 3-3-1~3-3-3
2, ZFREIURT. NNOCESLERTIL Zr A &S ZrCei 102 ITBWNT, x=0~0.8 D
FHC x EOBINZEN bHMED Em< 72D, x=0.8 THRAME 48 278 L, BWLEANRED
7=, 600°CTIE, x DI bHMEITWWD 5L EH L, x=0.2~0.8 TH 40 %
A L7Z. 900C T, x=0.2~0.8 T b*EAK 40 Z/x L7z, a*fllL T~ TIZT2OWNT0IZ
I, REFOELLDOEMEERZT, LMEIZT T 80 LLETHLIWEEZRL T
W5b.x=0, T70bb ZIr =5 A Lfoeu\%EEAzODﬂfﬁa\?E%ﬁ*ﬂr CeO, TIEHEWHAZ R L, x=1,
T72bb Ce EH LAWK OB ARRE 210, TIXIZE A EAGEZRTR, Zhbk
LB L > TIERHE S L7 Ce & Zr@T“b\itfﬁﬁlf{)ﬁb\ﬁ@@%\ééﬂ%Ej/bé;
ENRbmnoTz.

Fig. 3-3-8 12 110°CHLIE. & 600°C, 900°CEVLIRTL O Zr,Ce O, i EHY K (x=0, 0.2, 0.4,
0.6,0.7,0.8,0.9, 1) ™ CIE L*a*b* &K A RITH 1T 5 b EDMBUKFIEE <. x=0.2~0.6
DOFAPHTIL, 900 CEALEL L D b2 110°C LD & REL 2D, xEHIA/NIWEE
BHEICRINL TS, ZOFRPHTIZ 2 D Ce0,-Zr0, [EH A KR MNILAFT 2 23 x DI/
SV EL D Ce ITET Ce0,-Zr0, E IR DEIGDBREL oo TWD. ZDMH
o b*{‘[ﬁ@iﬁ X, RO Ce lZETr Ce0,-Zr0, [ IE K IZ DT 110°CRzE%
(I E P IR CHTE L Tk RO IERRE S X 0 SR O ULz L Y
S A, %@l/ﬁﬁsqﬂ ICRMaRoENER LT & _J:Z)&?E??éhé 7, x=0.7
~0.9 OHFIPHIZIEIT D bHMEIL, 110°CHEZFEL & [FERIC, TITELFHEDO Zr ITF
Ce0,-Zr0, FEEMRIZELDLDTHS. Z DOEEE iﬁ*ﬁEﬂW%LEPOD Ce*' A A A
FUEDNET A A BSOS ZLICLY, SERICE BN ECAUR
MEBICEETAEB AT, O A4 DE T L8 OfE B AL T TR E 2N
JRINHT, TRNFX =X vy T P/NSLe D ZOT2, A 1 O KMl o
HETHRIN SN, %b\b*fﬁ%fﬁ“k%i%}hé 900"0%?3&@9@0)%@; D 110°CH M
BOBREOTNE WO b*E R L TWA DL, WREBIIIFEELZIE D Zr I8
Ce0,-Z1r0; [H I R IZ BT 51 & H D 23, 900 C@?ﬂ@@ IVBEMmEnTLED
7-OEEZOND. DFEY, IEHEL Zr 128 T0 Ce0,-Z1r0, B A A 1T B B 2 L 72 <
THE W b*EAZRL, AL EZT AL b*ENK TL, HANEILLIILE
RLTWD., — 07, S h CelZE T2 Ce0,-Z1r0, B A IR 1X, 5 dh b 2 £ > #L B
WX b* R KL THEBAICRAL, RERBEIERDEEZEZLND.

Figs. 3-3-9~3-3-14 {2, 110°C, 600°C, 900°C#EVLER% DFREHZ OV T, FlEHD
KOYEHSE O ANFHE R T DR EXQ-DICI W EH L KM Bz 2n<

4N I

110 CHEEENT, ZrCe 0 D x DALV A R EMNCIED, x=0.7, 0.8
The b K& AN OB EWIN AT, x=1 TIHIFE & A EWIIT 220> 72, 600°C,
900 CEMLELEARH T, x=0~02 2T T, RERMANZERBINI 7 L, x=02~0.8
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OFEPHTIE, 1T FERE O ASERICB T 2 EWINNE Z »72. x=09 Tik, &
FEANZHRINAS > 7 R L, x=1 TIX 10CHZEE FERIF & A ERIUTE Z S0~ 7.

TR0 b, AL ORERIUIFICE, FITHY T 2KEER O 400 nm L0
WINTHDHDT, TNODOMEICE - DHEEDORANR 2o TWND.

ABFFEDOFEFD KM BT D BV 2 WIHE, SCE2 6 [6], ~255nm DB — 7
X, FE EICHDEENO Ce¥ E OFDRIOEBEMBEIIEBICL S H D, 290~300 nm
fHEDOE—271%, FiEEICHDEERNALO Cet s OF DR OBEBMBEERICL D b D,
320~350 nm D B — 727 1% CeO, DAY FHEIEBIC LD bDEEZOND.

2 N IAFT D EH x=0.4~0.7 TlE, FHDOWIL DAL G DOE R BERDOWLIL & LT
B, 110°CHIEOREI T, S HED Ce lZE T Ce0y-ZrO, [EVAIA Tl rf i eIk o3
FEWIAZEE A L7200, IEFEO Zr IZETe CeOy-ZrO, BRI TIIWINNH 5. £
DI, x PREVIEE, Zr (ZETe CeO,-Zr0; B RDEIE N RE <720, AIHEEHE
DO EWINNE CEWVEARELND.  —F, 900°CEULEDOECIX, Ce0,-ZrO,
BV TIL Ce, Zr OFEZEARIZE D & F AL RRINA & 5 72, WD IL
FHIPHC, MEDRIOEWIHE D Ao, BEE TOWIUEROJFR & LTI,
CeOx 12 Zr Z AT HZ LIZEY, CeO HEEFIZRIMHEOENELI, Ce £V OlEFH
OEABLEICENEL, CeOy DY RREEBEOX ¥ v ZHENH < 720 WIS A
PRSI E TIEN TV E, AIEDEOIRINAE LD EEZBND. AT, AR ORK
R BVLELC X 5k T BB X 2 KA BB L 0D LHEZR SN S.
PLED X 912 900 CELERIZ LV, Ce-Zr DIEWEIFHIZ - » THADIE L ~TH
RMMERLEND Z N bhoT-. £72, BOZED CeOy-ZrO, EIRIA T OREEZE VD
FRIE L 72 2 AlREME 2 R 3 D R 2 15 7.
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Table 3-3-1. L*a*b* values of the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1) samples
after dry heat treatment at 110°C.

X L* a* b*
0 91 -5 24
0.2 90 -4 24
0.4 87 -3 28
0.6 87 -4 37
0.7 87 -4 43
0.8 88 -4 48
0.9 90 -5 36
1 93 -1 3

Table 3-3-2. L*a*b* values of the Zr,Ce; <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1) samples

after calcination treatment at 600°C for 3 h.

X L* a* b*
0 90 -5 31
0.2 89 -3 37
0.4 88 -2 39
0.6 86 0 39
0.7 86 0 42
0.8 87 -1 42
0.9 90 -3 30
1 94 -1 4

Table 3-3-3. L*a*b* values of the ZriCe; <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1)
samples after heat treatment at 900°C 3 h.

X L* a* b*
0 83 -1 19
0.2 87 -1 39
0.4 86 -1 39
0.6 86 0 38
0.7 85 1 41
0.8 85 0 39
0.9 89 -2 29
1 93 0 4
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Fig. 3-3-8. The b* values in CIE LAB colour system for Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7,
0.8, 0.9, and 1) powders after heat treatment at 110°C(0), 600°C(A), and 900°C (o).
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Fig. 3-3-9. UV-Vis diffuse reflectance spectra of the ZryCe; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
0.9, and 1) samples after dry heat treatment at 110°C.
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Fig. 3-3-10. KM functions, F(R) of the ZryCe; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1)
samples after dry heat treatment at 110°C.
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Fig. 3-3-11. UV-Vis diffuse reflectance spectra of the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
0.9, and 1) samples after calcination treatment at 600°C for 3 h.
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Fig. 3-3-12. KM functions, F(R) of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1)

samples after calcination treatment at 600°C for 3 h.
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Fig. 3-3-13. UV-Vis diffuse reflectance spectra of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
0.9, and 1) samples after heat treatment at 900°C for 3 h.
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Fig. 3-3-14. KM functions, F(R) of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 0.9, and 1)
after heat treatment at 900°C for 3h.
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3.4.1.1 FREPARIER

Zr,Ce; 0, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 1)Z FFndpbiEic L v Ak L7=.
FEHAFEEHILL FTO B0 TH 5.

-« ZtO(NO3), * 2H,0 il /Lo =7 A(V)A > R FOGHSR T % (k)

« Ce(NH4)2(NOs)g g7 Ee=u st UL (IV) FOEAMIZE T3 (BR)
» NH; aq (25%) T =T K PR T3 (BK)

Fig. 3-4-1 IZZ DIERTFIAD 7 0 —F v — h &R T.
3.4.1.2  {ERGRE O RS
FEEEDIBME G570, XA e 7~ 03tz HE L.
X BEIHTIE, MiniFlexI (U 5 27) &=,

3.4.1.3 ERRREOFHMm
MR & S804« PRI o ek & T o 72
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Drying

(Heat Drying at 110°C)
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Fig. 3-4-1. Schematic illustration of the preparation of the Zr,Ce; <O, (x=0, 0.2, 0.4, 0.6, 0.7,
0.8, and 1) samples.

49



342 FiREBLE
3.4.2.1  {ERGEUEL O LA

Zr,Ce; 05 (x=0, 0.2, 0.4, 0.6,0.7,0.8, 1) ® 110°C, 600°C, 900°C D4 EMLERIEEE (2>
W, R X BRIETORE B % Figs. 3-4-2~3-4-4 |97, X HREHT D 110°C TOEGE
% OB CIXEMRANTRE BPE T <, 600°C, 900°C & BVLELRE A2 BIFh Z ik
DIEEMED K< o TWD Z RN 5. BHIZEB W THEM THFEL TV D 21,
x [EDOHEKIZE B, KEPFre—27IFEmAEMIC 7 FLTWD., UL, 14
PEIT S BN OB AITEB N T, Zr' A A2 A3 0.084 nm T, Ce* A 4278 0.097 nm TH
O, ZrEAENPETZLICLY, CA T NIV YA XN EN LA A EE
by, ERETDNSLRDTEDHEZEZILNS.

Zr.Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, 1) @ 110°C, 600°C, 900°C 745 EVILFRIE FE 12>
W, 7= U EDFER % Figs. 3-4-5~3-4-7 ({27837, 900°C TEVLEL L 7=30EHZ >\ C,
x=0 TII T OB ARREE TH 508, x=0.2~0.6 TlE CeO, TH.HILIZ 460 cm™ 11T
DY —7 Ofth, Bit% 310 cm™, 610 cm TS BN T rn— R —27 AR bh, x
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T~ EHEME T LTS Z ERBE X BN 5. x=0.4 LI_ET 305 cm™ (1T & 620
em” FHTIZE— 27 BB, ST OZNEN, BEOEMN EMEOZEILICELD LD L
Ez2zoND [2,3]. £oTC, VEFMOBEIIEAABETHLN, xEOWK L Zr
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ZEHEHP DI LT BEADGFET DEATRAREEZ RL TS EEZEZDNS. 29
L7c Zr A RIS UTZHOBEZENEAIZ LR EEL 52 TNWDEEZD.
CeOy XX AMED EWWL T i D& ARNEEH T 50, BAIXFHOHEETHY, Zr0,
TEIRCIIHAS THBRTH L. TR, FBOAIZHERNH HFEOMKHEHFHE N H 5
LDEBEX LD,
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Fig. 3-4-2. X-ray diffraction patterns for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
and 1) samples after dry heat treatment at 110°C.
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Fig. 3-4-3. X-ray diffraction patterns for the ZryCe,; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1)

samples after calcination treatment at 600°C for 3 h.
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Fig. 3-4-4. X-ray diffraction patterns for the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.8 and 1) samples
after heat treatment at 900°C for 3 h.
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Fig. 3-4-5. Raman spectra for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1) samples after
dry heat treatment at 110°C.
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Fig. 3-4-6. Raman spectra for the ZryCe; 4O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1) samples after
calcination treatment at 600°C for 3 h.
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Fig. 3-4-7. Raman spectra for the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.8, and 1) samples after heat
treatment at 900°C for 3 h.
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MAEATHELZbDEZNEhRd. 1HHOCEULIETIL Zr &4 &2 x=0.2 T bEN
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LWLV RBOVEAORANELND ZENDND. 00°CEMLEE DL O T,
x=0.2~0.6 TIZIE[E UE bHMEGE 50027~ L7=. 900°C T x=0.2~0.6 TIXIZ[F U b*
EFEI42) % 7% L1228, 600°CEULER: D & D & L4 2 & BRIV RO EZ /R L.
a¥[TTRTUIZHOVWTIZE 0 THY, FREFDOELLDOEMLETZT, LHLT T 80
LLETHDWEEEZRL TN 5.

Figs. 3-4-9~3-4-14 |2, 110°C, 600°C, 900°CH&ELEELIZ OV T, FilEH R DIk
W O ARk DR EXQ-DIC K W EH L7z KM B¥EZnEhoRTd.
Zr,Ce 0y IZHB W T, 110°CHEE, 600°C, 900 CEMLERE DOFE X TIZHB W\ T
x=0.2~0.6 O T, KHBHHEI Kb EERANZ 7 ML TEY, ELiHEED 9
B, %, HFITHYT2EEEMD 400 nm (O LTS, x=0.7, 0.8 T
I MMEE RN 7 B L, AROEORIR A D72 leo T d.

KM %% T, ~250 nm, 290~300 nm, 320~350 nm & £HET 3 DD — 7 NIFEET 5.
ZDIHH, 320~350nm D E— 7 IZOWTIX Zr A &) x=0~0.6 TiL x DEN KX
KIRDIZHONENT 2720, RPN A AT ERDEREIR D FITBE L T\ o Z &2
bnb.

BRIV T, $EIZ 900°CTlE, Ce, Zr MtENE T2 H DT x=02~0.6 D
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WS D Ce' A AU IS A VRO SR I A A NCEE DS LI LY
FRENENM L, TOEDLVICENELT-DEEZOND. 20K D RIEJTEHEARE
BIZFLGETHEEZ2OND. IOCTREE LT OBMKRABI T Zr ZHAENEL D
22, bHMEND LT D DlE, HEEEE L THWEEBE T o E=U Lt
Vo (IV) DBEREOH LA L PEaOROER L TN, ZORAEIGRED L
TW e eE&EZI NS, AREF2HOENEY U A, HI3HOMEEY 7 A%
X LARTYH, MOEAOREANFOLNTND. K HEGEIEDZ U x=0 ® Ce0,
£V H x=02 OS5 bHED VDL, FEEaTEIFARDY CeOn 1T Zr D3 EIY L 72 HEZEE IR
REDEFTENERTHIEDEEZ LD, 600°COEBMILZ LV, x=0.4~0.6 T b*ED
ERPFEO BTN, T OMAHEIFH CIIELEREOESFMMAFIELTEBY, 0k
EaPESE B L7220 & b s, x=0.8 DIEEF LT~ v o XRIEDKETREND
£, FEALELEREOIESTSTHY, CeOy 3V ZrO, N— A DD 7=
DI N AR o T2 B2 BND . 600°CHERLD 778 900°CHERIZ L, & DfE
patEI IS, A A OESIORANE L BN LR RFITN R EARE L S FESYE, fEe
MERFEEDOE L Lo TWNWELEEZ NS,
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SEA « RIS M D Figs. 3-4-9, 3-4-11, 3-4-13 ORI TIX, T TOELL
BRI T, x=02~0.6 THRHRKE S AIDLERA~ 7 FLTEY, %, FITHYTS
WEORREORINA RO REL ZOMATHLEADFEANES LD EBZLLN
%. Figs. 3-4-10, 3-4-12, 3-4-14 TRENTZ KM B D 7T 7 IHET H 3 DD E—
71%, LR, ~255nm OB —7 1%, F@ EIcH HIEENLO Ce L O DR DB
BEEBLIZ LD B0, 290~300 nm o — 7%, Fii kicdh HIEENLO Ce*
O* DD EMBERERLIC LS H D, 320~350 nm D B — 7 X CeO, D3 RREERIC &
HHDEEZHND [6]. Zr & A x=0~0.2 OFHNTIL, Zr &HF BN TI2oh,
CeO, D/ RHIERIT X DWW As rl IR E TIEON TV &, x=0.2~0.6 TH b =i
ENECS. £ LT x=0.6~1 TlE, HBOEIERICRD. 202 &b, x=02~0.6
DOFPHTIL, CeOx 1T Zr ZEATHZ LIk, CeO, TOERFEZEIL DKM E Zr £
D DOEERFEEMIZ LV EFREICEEDAEL, N Ry v 7ORTIVDE/L, Al
HOWNNELD EBZZBND.
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Table 3-4-1. L*a*b* values of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1) samples after

dry heat treatment at 110°C.

X L* a* b*
0 91 -7 40
0.2 89 -4 51
0.4 89 -4 47
0.6 88 -3 48
0.7 88 -3 44
0.8 90 -5 41
1 93 -1 3

Table 3-4-2. L*a*b* values of the Zr,Ce; O, (x=0, 0.2,

calcination treatment at 600°C for 3 h.

0.4,0.6,0.7, 0.8, and 1) samples after

X L* a* b*
0 90 -5 38
0.2 85 1 50
0.4 85 2 51
0.6 85 2 50
0.7 84 2 47
0.8 87 0 43
1 94 -1 4

Table 3-4-3. L*a*b* values of the Zr,Ce <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1)

after heat treatment at 900°C for 3 h.

samples

X L* a* b*
0 89 -3 24
0.2 82 3 42
0.4 83 2 42
0.6 84 2 42
0.7 89 0 37
0.8 86 0 37
1 93 0 4
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Fig. 3-4-8. The b* values in CIE L*a*b* system for Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
and 1) powders after heat treatment at 110°C(0), 600°C(a), and 900°C ().
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Fig. 3-4-9. UV-Vis diffuse reflectance spectra of the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
and 1) samples after dry heat treatment at 110°C.
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Fig. 3-4-10. KM functions, F(R) of the Zr,Ce O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1) samples
after dry heat treatment at 110°C.
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Fig. 3-4-11. UV-Vis diffuse reflectance spectra of the Zr,Ce; <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,

0.9 and 1) samples after calcination treatment at 600°C for 3 h.
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Fig. 3-4-12. KM functions, F(R) of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.8 and 1) samples after

calcination treatment at 600°C for 3 h.
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Fig. 3-4-13. UV-Vis diffuse reflectance spectra of the Zr,Ce; O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8,
and 1) samples after heat treatment at 900°C for 3 h.
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Fig. 3-4-14. KM functions, F(R) of the Zr,Ce <O, (x=0, 0.2, 0.4, 0.6, 0.7, 0.8, and 1) samples
after heat treatment at 900°C for 3 h.
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Fig. 4-1. Schematic illustration of the preparation of the ZryCe3xY 02019 (x=0, 0.1, 0.3, 0.5,
0.7, and 0.8). samples

66



43 FR LB
43.1 VERGEUEIOREETEAMN

110°CHzIE, 600°CHBER, 900°CRERKE D ARFEHZ DWT, ¥R X #RIEIHr OfE
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Fig. 4-2. X-ray diffraction patterns for the Zr,Cey3xY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)
samples after dry heat treatment at 110°C.
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Fig. 4-3. X-ray diffraction patterns for the ZryCepsxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)

samples after calcination treatment at 600°C for 3h.
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Fig. 4-4. X-ray diffraction patterns for the Zr,Cep3xY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)
samples after heat treatment at 900°C for 3 h.
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Fig. 4-5. The lattice parameter (a) of the ZryCeysxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)
samples calculated by WPPD method.
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Fig. 4-7. Raman spectra for the ZryCesxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples
after dry heat treatment at 110°C.
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Fig. 4-8. Raman spectra for the ZriCepsxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples
after calcination treatment at 600°C for 3 h.
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Fig. 4-9. Raman spectra for the ZryCesxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples
after heat treatment at 900°C for 3 h.
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4.3.2 KRR ORI

) 2 3RS % Tables 2-1~2-3 IZEUEH R %2 110C TR L 7= b D, 600°C CTIBE
L72b®D, 900 CTHER L7z b DEZNZEIVURT. Zr BHED ZrCeosgx Y0200 (23
WTC, x=03~0.7 T b*DBIHbREL R0, HANELS RS, —FH, x=0, 372bb
Zr a8 LR WM OB AR FEF CepgY 02010 TIXEEMAILHE S, x=0.8, 77205 Ce &
G LW OB RFE ZrosY 2010 TIHIFEAEAGQTH D72, Ce & Zr M
EHICHET 2 2 LICE VBV EAORONELND Z ENDND. a*lT T X TIZD
WTIZIE O THY, REFEDOELLDEMBEZT, LHET T 80 LL ETH D WIE
BAER LTS, 600°CRHEREVEFDS 110°CHZIEE, 900°CHERK L7 H D LV IRV Z 7R
L.

WEOIHEIT Zr & Ce PIGFTHELEEREFTHY, FIZ x=03~0.7 OHEHHETHRD
AN 7o 72, 600°CRERK D A3 900°CHERIZ L, £ v FU T ADE Y T ~DIH
EWHEE 7o 7oy, EEN LY RS ENTZ. BEETOA v MU U LR D7e 55
SNORENNSL 2D 20T nhEEZBN5. x=0.3, 0.5, 0.7 D 600C & 900°C
Bepk A b+ % &, x=0.3, 0.7 1% 900°CHER T b*EDOAD K E <, x=0.5 TlIEh
EEDOWADD 720, x=0.3 T X BREFTRERD S EEDNE TR ONR L0 &
RCHERT D2 EICE VB ROWEENRE L TWDLZENHA Yy N TLAR—=TNR
BEIOTWAAREME G H 5. x=0.7 TIE, Zr U v FOMBE THREDENZ2 & b 720
KIFPE DR IE i OfE g S 2 & 0 09 72 0 ER T OBERR TR A Ze i 2L
N5 ENHENIESNS. —J5, D x=0.5 TIEL TN ZE T 600°C TH Y
{EENTEBY SRR L THZENIEEDOELIT R Do Tl DB DL oo T b
EZ2bhD. DX, OB EAREETO Ce' A A MNA A D/
SR A AU NCER L TR ZAWMIEN R EAE ML TEEZLND.

Figs. 4-10~4-151Z, 110°C, 600°C, 900°C D EHLER %47 - 7= 45 EH oK D fitik S
AW RICKT DR ERQ-DICEVEH L ARNERICHT S KM Bz Zh
LIorT.

Zr,CepsxY 02019 (2T, 900 CTHEVLE L 7-3kClE, x=0.5 TKERHEI &b
EERMANC 7 ML TERY, AfeEkD 5 6, 4, FICH YT 21K EM O 400 nm
(T DDA LT D . KM BE i, x=0.8 LI OalEHI % LT, 300 nm |2 &
— DL, Zr &8 ED x=0~0.5 1225\ TIlX, 320~340 nm O#iPH (2H 9 ONED
DE—7 DFENRRD LN, BEFEOE—71Ex DENRKE L RDICONHM =72 <
12503, [RIRFI R 23 rI R O T ICRBE L TW D Z &3 Dn5.

Fig. 4-14 123\ T 900 CEVLEEEELClE, x=0.3~0.7 Th b K& < AIHEIEHEIEA~D
VI RPNEISTWSZ ERNDND. 8, BICHY T 2EOREOEORINA & H K
XL ZOMBTHDHHEBDOFONEL Ieb L EZBND. Fig 4-15 TOD 300 nm 1T
D2ODE—771%,300 nm B'— 7 N K 2 H BRSO Ce* & OF D D B EE
BIZX5 b0, 320~340 nm O E—7 % CeO, DN REEBIZL D LD LIRESN
TW5 [4]. Zr A& x=0~0.3 OFEFANTIL, Zr G HENHETIZOI T CeO, DN
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R ER I X 2 W Al & TIEONT, x=0.3~0.7 Tl b ERE~NEVD 2 &
B 5. x=0.8 TiX, 1T A EEIATHEBIORIUTIZE A ERNY. ZOZ Lk,
x=0.3~0.7 O T Ce0, 12 Zr ZHEATHZ LIZLY, TOBHFET D CeO, FDKX
fal Zr £V OMFR OB TEEICEENE LRI ORINDAETLD EFEZHND.
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Table 4-1. L*a*b* values of the ZriCepsxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples
after dry heat treatment at 110°C.

X L* a* b*

0 90 -4 20
0.1 90 -3 19
0.3 85 -2 28
0.5 86 -4 32
0.7 88 -4 30
0.8 94 0 2

Table 4-2. L*a*b* values of the ZryCepsxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples
after calcination treatment at 600°C for 3 h.

X L* a* b*
0 87 0 19
0.1 85 -1 31
0.3 82 0 39
0.5 85 0 40
0.7 90 -3 30
0.8 95 0 2

Table 4-3. L*a*b* values of the ZriCepsxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8) samples

after heat treatment at 900°C for 3 h.
X L* a* b*
0 83 2 21
0.1 86 -1 25
0.3 84 -2 34
0.5 86 -1 35
0.7 90 -3 26
0.8 92 0 5
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Fig. 4-10. UV-Vis diffuse reflectance spectra of the ZryCepsxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7,
and 0.8) samples after dry heat treatment at 110°C.
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Fig. 4-11. KM functions, F(R) of the ZryCepsxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)
samples after dry heat treatment at 110°C.
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Fig. 4-12. UV-Vis diffuse reflectance spectra of the ZryCepsxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7,

and 0.8) samples after calcination treatment at 600°C for 3 h.
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Fig. 4-13. KM functions, F(R) of the ZriCepsxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)

samples after calcination treatment at 600°C for 3 h.
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Fig. 4-14. UV-Vis diffuse reflectance spectra of the ZryCepsxY 02019 (x=0, 0.1, 0.3, 0.5, 0.7,
and 0.8) samples after heat treatment at 900°C for 3 h.
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Fig. 4-15. KM functions, F(R) of the ZriCeysxY02019 (x=0, 0.1, 0.3, 0.5, 0.7, and 0.8)
samples after heat treatment at 900°C for 3 h.
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x=0.7, 0.8 TILx=0~0.5 &%, T~ AT MUBRKE By, BHOIERBOE
NI EATIEE 2 R OEREREZ R L CWD EEZLND. Zr &4 BT IC g
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Fig. 5-1. Schematic illustration of the preparation of the Fe,O3-doped CeO,-ZrO, samples.
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53 ML BE
5.3.1 Fe0.01 %, Fe0.05 %
53.1.1  VERLGECR O EFEAT

Fe0.01 Rk}, ZrCepooxFeo 01025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) @ 110°C, 600°C,
B L V900°C DB E TEULERE OFEHZ DWW T, B R XHRIEHT O fE B % Figs. 5-2~5-4
IZENENRT.

110°C TR L 723 B CIRIA W E— 27 2R L TE Y, fErEEuvwz & nb
7%, 600°C, 900°C CELIRT 25 L [T — 27 13 < 22 0, FEdaPEH LT 5. 900°C
TEMLH S 7RI, x=0~0.60 OFiPH T3 AR E DS J7 8 AH, x=0.80 TILIE
JienfH, x=0.99 TITHEBEHD Z N EEFA THIE L TW e, x=0~0.8 DHIFHIZIs 0
TIE x EOHEIMNZEW X BREFTAEITSARIZS 7 FLTWL Z RO LD, 8
B DA F o -8801%, Ce™ ™23 0.097 nm, Zr*7% 0.084 nm ToH V), EHIERIE DAL
2D RERAE 23 x OEEINC & b 20T 2720 LB X BIVD . x=0.99 I DWW T,
600°C CEVLEE L7230 CIL 20 =30° fHEICEFMEZEZLNDEHIE— 7 BFEH 5
NDH7=8, BERMEE DT DR EFRENEFLTNDZ ENEZXLNDD, 900C
TIXIES S OFFAEITRE D Btz .

Fe0.05 27k}, ZrCeposFeoosOrs (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) ™ 110°C, 600°C,
BEW 900 COFIRE CHE I -3 BHZ DWW T, R X MEFTORE R %L Figs.
5-5~5-7 IZENENART. Fe0.01 R &FAER, BYLBUREED FH-L & HITHMMEDEE L
T 5. 900°C TEVILER S 7= 7 BHZIE, x=0~0.60 O C i3 A A& oo N7 7 b Al
x=0.80 /LIEJ7fbAH, x=0.95 IXHARMEEFE S Z A CHAE L Tz, x=0.95 1220
TIE, 600°C TEVLEL U 7-508E Tl 30° FHEICIEAMOEHTE— 27 R 6 b3,
Fe0.01 52 x=0.99 Ok L tiled 2 &, B —7ENEWZD, IEFEOFEEERE
NE <722 TEY, FerO; DEAIZLY ZrO, DIEHEICEZENL SN TWND EE X B
5.

Fe0.01 #akkl, ZreCegooxFe01025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) @ 110°C, 600°C,
B L TN900°C DAl TEILERE S L 7= 3EHZ D\ T, 7 = 3 O #E R % Fig. 5-8~5-10
R, BVLEEE O EH L LI FOE—ZIEIEED LT 5. 900°C TEL
L7250 T, x=0~0.60 O#IFH £ T 460 e (T DY 7 R AR bEWE— 7 &R
LTW5. 2, CeOy i AR DOREEIZ L5 b D TH Y, Z OFHAKEIFH TII,
210, ZEA L72 CeO, WIFAET HH D EFEZ B 2 5. x [EOBIIAE, 300 cn™, 600
! IZHNWE =7 DB ONDNS. ZhbiE, B TV a =T EEERTE, BB
FIN, BRE MBI X AT RIS L D b D L Wb TU4[6,7]. x=0.80 Tl 460 cm™
FHEDIRE D@7 NI, ROVICBEAROE—IBERLND L2127 5.
ST ERE ARG D EFEICENT D ERBOOND B — 7 REIEE L 1 A0 D 6
RIZEDV[8], BHONTAERN L EFMHOAERNE 2 HILD. x=0.99 TIHEAHN X
HIZHZ TR, Him ETIX 18 REET 2 AR AR N E X HiLd.

Fe0.05 it l, ZrCeposxFeo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) @ 110°C, 600°C,
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BELO 900 CHAIRE TEMBE I N EHZI D WT, T~ 2ok R % Fig
5-11~5-13 (25~ 9". Fe0.01 5% & [AEE, x=0~0.60 £ TOHIPATIX, 460 cm™ £ E o)
DE—I7NHY, SEHREAREEZ R LTS, X BREHTORFE 25 x=0.80, 0.95
TIXIEF&aHH, AN EET 2 B2 6NN, B —2 13 Fe0.01 R EERD LT
n— RIZRoTEY, fMaENMEnEZEx b,

x=0~0.40 £ TOHAICIHT, 210 ecm™ & 280 e FHTICHT NI E— 27 V3R 5
NHM, TNHOE—7 )R, Fig. 5-14 IR L2 Fe,03 DT <V AT MLIZHRD
N5, REIZFeO: BT LIZEEZ BN,
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Fig. 5-2. X-ray diffraction patterns for the ZryCegg9xFe0 01025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.99) samples after dry heat treatment at 110°C.
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Fig. 5-3. X-ray diffraction patterns for the ZryCeg99.xFe0 01025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.99) samples after calcination treatment at 600°C for 3 h.
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Fig. 5-4. X-ray diffraction patterns of the ZryCeg 99.xFe0.0102-5 (x=0, 0.20, 0.40, 0.60, 0.80, and
0.99) samples after heat treatment at 900°C for 3 h(e, cubic; A, tetragonal; m, monoclinic).

89



(XRD Fe0.05 %)

——A“‘ gty e
—x=0
M A e x=0.20
B
) x=0.40
z
5 ™S e x=0.60
=
st P mcmmontt x=0.80
oy = x=0.95
20 30 40 50 60 70 80
20 / degree

Fig. 5-5. X-ray diffraction patterns for the ZryCe9s.xFe0 05025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after dry heat treatment at 110°C.
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Fig. 5-6. X-ray diffraction patterns for the ZryCeg9s5.xFe.0502-5 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after calcination treatment at 600°C for 3 h.
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Fig. 5-7. X-ray diffraction patterns of the ZryCe 95.xFe 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and
0.95) samples after heat treatment at 900°C for 3 h(e, cubic; A, tetragonal; m, monoclinic).
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Fig. 5-8. Raman spectra for the ZryCep99.xFe 0102 5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after dry heat treatment at 110°C.
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Fig. 5-9. Raman spectra for the ZryCeg 99.xFeo.010, _5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 600°C for 3 h.
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Fig. 5-10. Raman spectra for the ZryCep99.xFe€00102.5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 900°C for 3 h.
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Fig. 5-11. Raman spectra for the Zr,Cey 9s5.xFep0s02 5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after dry heat treatment at 110°C.
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Fig. 5-12. Raman spectra for the ZriCe;«Fep 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 600°C for 3 h.
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Fig. 5-13. Raman spectra for ZryCeosxFe€ 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h.
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Fig. 5-14. Raman spectrum for Fe,Os.
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53.1.2 RO RHE O

Fe0.01 Rk}, ZrCepooxFeo01 025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) @ 110°C, 600°C,
BILO900CHOEIRE TEULEE X723 EHZ DWW T, GBS B % Tables 5-1~3 |
~L, xfEIZXT % L, a*, b*FEOE|EZ R LTS D% Fig. 5-15~5-17 12, £ %
ALY, 110°C TRz L7230 T, x=0.95 LIS b 30 BL EH D, a*EIZIFIE 0 D7z
W, WHEADFHEAEAT D, 600C, 900°C TEMLEET S &, a*En b LD EF L, b*
ETFRET 2720, RAEDEL T x EOEEKIZHEW, LYMEIX B, a*EIXTRL,
b*fE 1L x=0~0.2 OFiPHCTIE EH- L, x=0.2~0.8 D#iPH T L3> FE, x=0.8~1 TR
< FREL, BANLEO~DIFEOOEINZED bz,

Fe0.05 F ik}, ZreCegosxFeo0sO25 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) @ 110°C, 600°C,
B LT 900°C DA FE TRV S L 72 UEHZ DWW T, HIARERAS S 4 Tables 5-4~6 (2
AL, xHIZXT 5 L, a*, b*EDOLE Z R L7cd D% Fig. 5-18~20 12, £HZEi
Y. Fe0.01 5% & [AEE, 600°C, 900°C CEMLEET %S &, a¥Enyd LD EH L, b*iX
TRET D72, REDHE L TV, 900°C TEYLEE X 7=l BHZ B W T, x=0~0.8 D
HFPHIZBWT, x=0 TEEROOEDODORZRL, x HEO EFIZfEV, LHEE b*E2s k
LU, a*IXFBET L7020, R, m~EE T 5. x=0.60, 0.80 T, a*H2 Kb
KR L. bMEX RS AT EAN KR 725,

Fe0.01 Fikkl, ZrCepooxFeo010rs (x=0,0.20, 0.40, 0.60, 0.80, 0.99) DEEH; « A1 Ik
B AT PV ORIEREFR & RXE-DIick v EH L7z KM BEic>\ T, 110C,
600C, BELN900CHORIRE CTEMIEL 7= 4 D%, Figs. 5-21~26 [ZZNEIRT.
110°C TRzl L 7230B T, x=0.99 LIAMTIFIERE U & 5 2 dhf 2 " U, x [EOHKICHE
WHTDIRRERNZ 7 FLTWAD Z Enbinsd. KM BEIZIB W T Fe,0; EA
IZ X DHERICHT LWIRIE RS 7= 57220, 2D —J5, 600°C, 900°C TEVLHE X 7= 58
T, 2RI 400 nm LA EDOKEFEMET LTW5. 2O T OREIL 900°CDIF 9
23 600C LY K&, x EOHMISET T, 2N/ hs<l725.

Fe0.05 Fakkl, ZrCeposxFeoosOrs (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) DEEH; « AIHHIL
B A7 PV ORIERER ERQR-DICcX W REELZ KM BEic->nwT, 110C,
600C, L9000 CHORIE CTEMIEL 7= 6 D%, Figs. 5-27~32 IZENEIRT.
Fe0.01 F &4 5 &, BULEIZ X 5 K ROMK T RBEEFICHEILTE Y, 900°C TEL
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5. LML, x=0.60, 0.80 TiX, TOEANPHLNTHY, FerO; DL D IRIRAMN
RN, FEADIRLS IR o TRILTWND

Fe0.01 &, Fe0.05 2O W\WTid, BULERENRE L, x ER/NSWIEE, KR
RFNKRE L RAEAPRD =, D=0, bkt R L XD 2Rk a2HG5720
WX, B WRE dE 2 FF o 72 CeOy-ZrO, EVARICE AT H Z EREEF LWV EE LI HND.
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Table 5-1. L*a*b* values of ZryCepg9xFe001025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after dry heat treatment at 110°C.

X L* a* b*

0 83 1 40
0.20 84 0 40
0.40 85 -1 38
0.60 86 -2 35
0.80 87 -2 32
0.99 91 0 8

Table 5-2. L*a*b* values of ZryCegg9.xFep01025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after calcination treatment at 600°C for 3 h.

X L* a* b*

0 72 6 31
0.20 74 5 35
0.40 76 4 39
0.60 79 3 36
0.80 82 2 31
0.99 87 1 13

Table 5-3. L*a*b* values of ZryCepo9xFe001025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 900°C for 3 h.

X L* a* b*
0 63 9 20 e
0.20 73 6 30
0.40 76 5 32
0.60 79 4 29
0.80 80 3 27
0.99 84 2 12
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Fig. 5-15. The L* values of ZryCe 99-xFe.0102-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at different temperatures.
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Fig. 5-16. The a* values of ZryCe 99.xFe0.0102-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at different temperatures.
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Fig. 5-17. The b* values of ZryCe.99.xFe0.01025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at different temperatures.
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Table 5-4. L*a*b* values of ZryCeposxFe00s025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after dry heat treatment at 110°C.

X L* a* b*

0 66 10 40 e
0.20 67 10 41 e
0.40 69 9 39 e
0.60 73 6 38 e
0.80 74 6 34 e
0.95 78 4 23

Table 5-5. L*a*b* values of ZryCeggsxFep 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after calcination treatment at 600°C for 3 h.

X L* a* b*

0 53 11 26 e
0.20 56 12 31 e
0.40 62 10 33 e
0.60 64 9 36 e
0.80 67 8 32 e
0.95 68 8 27 e

Table 5-6. L*a*b* values of ZryCeposxFe00s025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h.

X L* a* b*

0 47 19 15 e
0.20 47 16 16 ]
0.40 56 17 23 e
0.60 60 11 25 I
0.80 57 12 26 I
0.95 57 20 20 e
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Fig. 5-18. The L* values of Zr,Ceg 95.xFe.0502-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at different temperatures.
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Fig. 5-19. The a* values of ZryCe 9s5.xFe).0502-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)

samples after heat treatment at different temperatures.
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Fig. 5-20. The b* values of ZryCe.95.xF€0.0502-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at different temperatures.
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Fig. 5-21. UV-Vis diffuse reflectance spectra of ZryCep.g9.xFe0.0102.5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.99) samples after dry heat treatment at 110°C.
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Fig. 5-22. KM functions, F(R) of ZryCep.99xFe0.0102.5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after dry heat treatment at 110°C.
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Fig. 5-23. UV-Vis diffuse reflectance spectra of ZryCep.g9.xFe(.0102-5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.99) samples after calcination treatment at 600°C for 3 h.
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Fig. 5-24. KM functions, F(R) of ZryCey.99xFe0.0102.5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)

samples after calcination treatment at 600°C for 3 h.
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Fig. 5-25. UV-Vis diffuse reflectance spectra of ZryCep.99.xFe0.0102.5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.99) samples after heat treatment at 900°C for 3 h.
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Fig. 5-26. KM functions, F(R) of ZryCey.99xFe0.0102.5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 900°C for 3 h.
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Fig. 5-27. UV-Vis diffuse reflectance spectra of ZryCe.9s5.xFeo.0502.5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after dry heat treatment at 110°C.
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Fig. 5-28. KM functions, F(R) of ZryCe 95-xFe0.05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after dry heat treatment at 110°C.
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Fig. 5-29. UV-Vis diffuse reflectance spectra of ZryCe.9s5.xFe0.0502.5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after calcination treatment at 600°C for 3 h.
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Fig. 5-30. KM functions, F(R) of ZrcCe9s.xFeo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)

samples after calcination treatment at 600°C for 3 h.
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Fig. 5-31. UV-Vis diffuse reflectance spectra of ZryCe.9s5.xFeo.0502.5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at 900°C for 3 h and Fe,0s.
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Fig. 5-32. KM functions, F(R) of ZryCe95-xFe 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h and Fe,Os.
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Cer,Fe,0,5 (y=0,0.01,0.05,0.10,0.20) @ 110°C, 600°C, 900°C CTHMLHR L /=7 kH K
DT < 3T OFE R % Figs. 5-36~38 [ ENZEHIRT .
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Fig. 5-33. X-ray diffraction patterns for the Ce;.,Fe,O,.5 (y=0, 0.01, 0.05, 0.10, and 0.20)
samples after dry heat treatment at 110°C.
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Fig. 5-34. X-ray diffraction patterns for the Ce;,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20)

samples after calcination treatment at 600°C for 3 h.
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Fig.5-35. X-ray diffraction patterns of the Ce;.,Fe O, (y=0, 0.01, 0.05, 0.10, and 0.20)
samples after heat treatment at 900°C for 3 h and Fe O, (*, Fe05) .
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Fig. 5-36. Raman spectra for the Ce;_,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
dry heat treatment at 110°C and Fe,Os.
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Fig. 5-37. Raman spectra for the Ce;_,Fe,O,.5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
heat treatment at 600°C for 3 h and Fe,05.
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Fig. 5-38. Raman spectra for Ce;.,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after heat
treatment at 900°C for 3 h and Fe,0s.
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Table 5-7. L*a*b* values of Ce;_,Fe,O,.5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after dry
heat treatment at 110°C.

y L* a* b*

0 91 -7 40
0.01 83 1 40
0.05 66 10 40 e
0.10 59 14 39 e
0.20 48 15 33 e

Table 5-8. L*a*b* values of Ce;.,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
calcination treatment at 600°C for 3 h.

y L* a* b*

0 92 -7 32
0.01 76 6 34
0.05 58 13 30 e
0.10 51 12 25 e
0.20 40 10 17 e

Table 5-9. L*a*b* values of Ce;.,Fe,0,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after heat
treatment at 900°C for 3 h.

y L* a* b*

0 92 -4 19
0.01 63 9 20 e
0.05 47 19 15 e
0.10 45 19 14 e
0.20 39 17 12 e
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Fig. 5-39. UV-Vis diffuse reflectance spectra of Ce;_,Fe,O, (y=0, 0.01, 0.05, 0.10, and 0.20)
samples after dry heat treatment at 110°C and Fe,0;.

18
16 —y=0
14 -
——y=0.01
12
5
= ° ——y=0.10
6 |
. | —y=0.20
2 — (Fe203)
0 . . .
200 300 400 500 600 700 800

Wavelength / nm

Fig. 5-40. KM functions, F(R) of Ce;.,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
dry heat treatment at 110°C and Fe,Os.
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Fig. 5-41. UV-Vis diffuse reflectance spectra of Ce;_,Fe,O, (y=0, 0.01, 0.05, 0.10, and 0.20)

samples after calcination treatment at 600°C for 3 h and Fe,0;.
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Fig. 5-42. KM functions, F(R) of Ce;.yFe,O,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after

calcination treatment at 600°C for 3 h and Fe,Os.
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Fig. 5-43. UV-Vis diffuse reflectance spectra of Ce;_,Fe,O, (y=0, 0.01, 0.05, 0.10, and 0.20)
samples after heat treatment at 900°C for 3 h and Fe,Os.
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Fig. 5-44. KM functions, F(R) of Ce,.,Fe,0,5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
heat treatment at 900°C for 3 h and Fe,0;.
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Fig. 6-1. Schematic illustration of the preparation of ZryCe95.xTbg0s02-5 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.95) samples and ZryCe 99.x Ibg 01025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)

samples.
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6.3 AL BE
6.3.1 VERGEE O R

(Tb0.015%) ZrxCe0.99-xTb 01025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) K} DK R XHRIA]
PFrOFERIZHONWT, 110CTHELZH D, 600°C TELEE L= 0, 900°C TELEE
L7=b D%, Figs. 6-2~6-41ZFNFHrd . 110°C T L7=3UEHE W CiE, 2k
TV r— RREHTREEZRL, fEEERMRO2Y, 600C, 900°C CEMLEET % = LT X
0, fEEtEom ERRONT. T2 E R0k 7o a=7 LiE e A CE LR
Bar LTz, x=0TOEFTXIZIZHEFE CTIEET D CeOr DL H i D AR EIZ LD b
DTHY, RELOZrERBEOBKICHEOCXEBRET A IT&EAMCY 7 MLz Zit' A
ZF 2 730.084 nm T, Ce*' A A 730.097 nmTH Y, Zt*' A AL DI/ E N, Zre;
BENMETICONT, A ETOC M Ao N A A NCEEX DY, KT
RO LSO — 7 2R T B2 N5, 2t R—7I2L 1D, CeO, DTG
E RS E N L L, x=0.20~0.60 CIE L i, x=0.80 ClIEHMmIZ/ 2%, HifH
TEDOHDHIEHMOEATEEGEEZRT D EEZ 6D, x=0.99DZr0,|ZTbx R—7
LG AI3ER IChT 0 Th 503, 30°fHEICEFMomire— 27 BRElls . =
DFERND, 1mol%DTbD K—7"Th-Th, DT MNTHDNZrODEy 2 EAIC
BT 28ENL 5O TND Z ENRDND. 600°CEMLELEE & 900 CEVLEEEEL D[]
PR A T 5 &, ZO30°(HEDIES BB e — 7 2MEL 720, BN ORI
E— 7 B o TWH s, BUVLBURELZ BT 5 Z LI2XLD, ZrO,DIES fhd b H
B ~ORE LN EAL TND Z ENEZ NS,

(Tb0.055%) ZryCep.95-xTbo.05s025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) FAEHZ DT, 110C
THMELZH D, 6000CTHEMLIEL7=8 D, 900°C TEMLE L7~ D%, Figs. 6-5~6-7
IZZE NIRRT, x=0~0.80DFIPH TI, Tb0.01:% & [FHED EHTIXIE 2 7~ L7-. x=0TIZ,
T U 7 O IT A RS ORI — B R L, x=0.20~0.80TlE, xfEOHEMIZLE
W, ETE—7 DNEAERICY T ST 570, BTEENNSL2oTWn EEZD
5. x=095TlE, EHTEIEIZE W THREGEO B — 27 8 E O ©— 7 [T I AE
FEL, IERFSHENEMT, HREHERDTHIHFEELTWDLIHEDEEXLND.

ZrOx\ZTb K —7" L 72356 O XHRIEIFT XTE D LLik 2 Th0.01 58 D x=0.99 & Tb0.05% D
x=0.95TIT > 7=5%A, ZrO2lZTb% 1 mol% F— 7 L7723k ClX, FERITH T2 T
30°fHE D IES F OB & — 7 BRI S 47253, 5 mol% K— 7" L7z 30k CIXsRE 2R )
20 EFH LTS, ZORRENS, Tod R—7 &N ET M & R OEEES %
AL, ZrODEEIZHEEZ B2 TnHEZEX L.

(Tb0.015%) ZryCe09xTbo 01045 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) XKD T~ 43D
FERIZOWT, 1I0CTHHELZB D, 600°C TELLEL L=t @, 900°C TEVLIE L 7=
t, D%, Figs. 6-8~6-1012FNZ 4T, 110C, 600°C, 900°C L E#MLEEZ N2 5 Z &
W, BTN ROE—ZEBHELS 20, FmtERm EL T2 ERBFELDL
N5, x=0TIE, FI455 ecm™ TP E—Z FRIRO AN RBFEL TV D, x=0.20~0.60
OFPHTIE, x=0DFEFCHM SN=FLNRDO N RiZT7 a— Rz b, &g
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Fig. 6-2. X-ray diffraction patterns for the ZryCeg 99.xTbg.0102-5 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.99) samples after dry heat treatment at 110°C.
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Fig. 6-3. X-ray diffraction patterns for the ZryCep99xTbo 01025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.99) samples after calcination treatment at 600°C for 3 h.
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Fig. 6-4. X-ray diffraction patterns of ZryCe99.xTbg 10,5 (x=0, 0.20, 0.40, 0.60, 0.80, and
0.99) samples after heat treatment at 900°C for 3 h (e, cubic; A, tetragonal; m, monoclinic).
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Fig. 6-5. X-ray diffraction patterns for the ZryCeg 95.xTb.0s02-5 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after dry heat treatment at 110°C.
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Fig. 6-6. X-ray diffraction patterns for the ZryCe9s5xTbo0sO25 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after calcination treatment at 600°C for 3 h.
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Fig. 6-7. X-ray diffraction patterns of ZryCeg 9s5.xTbg 50,5 (x=0, 0.20, 0.40, 0.60, 0.80, and
0.95) samples after heat treatment at 900°C for 3 h (e, cubic; A, tetragonal; m, monoclinic).

130



(Tb0.01 2 7~ 57)

’_JL _Xzo
A —x=0.20

x=0.40

—x=0.99

Intensity

0 200 400 600 800 1000 1200 1400

Raman Shift / cm!

Fig. 6-8. Raman spectra for the ZryCe99.xTbg 01025 (x=0, 0.20, 0.40, 0.60, 0.80 and 0.99)
samples after dry heat treatment at 110°C.
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Fig. 6-9. Raman spectra for the ZryCe99.xTbg 01025 (x=0, 0.20, 0.40, 0.60, 0.80 and 0.99)
samples after heat treatment at 600°C for 3 h.
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Fig. 6-10. Raman spectra for the ZryCe 99.xTb.0102-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 900°C for 3 h.
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Fig. 6-11. Raman spectra for the ZryCe.95.xTbg 050, _5 samples (x=0, 0.20, 0.40, 0.60, 0.80 and
0.95) after dry heat treatment at 110°C.
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Fig. 6-12. Raman spectra for the ZryCeg95.xTbg 05025 samples (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) after heat treatment at 600°C for 3 h.
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Fig. 6-13. Raman spectra for ZryCe.95.x Tb.0s02-5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)

samples after heat treatment at 900°C for 3 h.
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6.3.2  NFHIREE D R

(Tb0.0152) ZrCep90xTbo01025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) AL} A7 ER D
FERIZOWT, 1H0CTHIRLZH D, 600°C TEWLH L7-6 D, 900°C TELEE L 72
H D%,  Tables 6-1~312F N9, CIE LABEERIZEIT HL*, a*, b*%EDx
B ® 52ROV T, Figs. 6-14~1612F N E R

BVLVER OB L CIE, 110°C TR L7230BH T, Thbo F—7 13 aiidix e
A EFCEE L TR, T, ThN IR E R U Sl DA A DR Tﬁ“wﬁ@
BHOTDEEZ D 2D, RE EFITHEY, ToYSRAET D, LHMEIXSBRANICE T
HEMNCH D . FRIx=0TIIPEE CTH Y 110°C L 900°C TLL#E 35 &, 81/25H44F T,
35K F L7z, RV Tx=0.99T9%47>580F T, 14K T L7z, x=0.2~0.8 TIEELipy/ &7
KTFZERL, 559 CTh-o7z. a*EITEMAINTS~10R2E LA L, b*EIIx=0Ti341/58
FT, REIETL, x=0.20~0.60TILHOTNET L7z, x=0.80LL ETIX EH LT
W5, x=0.99F 72D HZr0, TIHE3NH4I~E RE L ERELTWD Z ENbnd.

B ITx=0~020 TIIRFB B TH Y, Ce, Zr DIRATEKDx=0.40~0.60Tl%, a*fd
OLEFEOMED TIREIZL Y, RENEL, WANELLIHO LR T, ZretlT L1
B D EHITHRADE L, x=0.80 DI TITRADH L wEtetall b LTz, x=0.99D
Db a =7 TliE, L*EIEZ80, a*flElX1l, b*EIZ41 T, HECORFBEAINELILE.

Zr S B D EAIZ X D R AD IOV TIE, 900°C THLEE L 7-3kECik, L*
M IIx=0~0.20 D& FH TXE DI AN LEYY, 4403574 ~E EFH L, x=0.20~0.99 D#i[H
T, 1 RIERITV TORTE DEE A > TV D, a*fEIZ OV TIE, x=0~0.20D % T
XfEDHEINZAfE - T EFH-T 553, x=0.2~0.6DFFH TIEXEDOEEINZLEW TR L, x=0.60
~0.99D A TIE EFH LTV 5. b*EIEx=0~020%HiH TIIxfEOMHME & bz EF/ L,
x=0.20~0.99TlX, £V DOEENLH 5 H4071% DITIE—EfEZ 7~ L.

(Tb0.055%) Zr,Ceo.05+Tbo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) FA} D 4 7BR D
FERIZOWT, 1H0OCTHMEL7ZH D, 600°C TEULE L= D, 900°C TEULEE L /-
D%, Tables 6-4~6-61ZF N7 . CIE LABEMGRIZEITHL*, a*, b*FfEDx
I 5 242D T, Figs. 6-17~1912F L E T .

BVLERIZ X DL*, a*, b*EUEOZLIZTb0.015% & [ UHM 27~ L, IRE BRI HE
VY, LMEIXEBRAPNAE T T 2HAICH 5. FRZx=0TIIBHZE TH V7500 535F T, 40
DIRTRH Y. ZHITx=0.9523K\NTTIZNH69FE TOUDIK TR H 7=, U T &
U a=T DENENEBEOMKIZH - Dx=04~0.623x b/ NS B{LE R LTZ. a*
FIIx=0TL LK T L7722, ZOMOXMETIX EH L, x=095THRKERD, 052520
FCLEHA L7z, bHMEIIx=0~0.60 DHiFH T T &N > TV D . x=0TI1EL392>
H6E TREEKTFTLTWDN, xEDOHKIZHEVVNSRIET L7220, x=0.60TIEL387>
53T ~EIFE A BN, x=080LL ETIX EH LT3, x=099% 72 HZ2r0, T
T3 H4I~ERES EHLTWLZ &3S

Zri A D ZEAIZ & B IO DTSV TIE, 900°C TEVILER L 72354 Tl, LME
1%, x=07T, IEE35, a*DREMET7, b*DRIKESZ157-. x=07>50.60DHi[H TxD
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HARITHEY, LHMED EF L, x=0.607>50.95 TIIx D KIZHEWL* DN D LT 2K T L7z,
L* D KMEIEx=0.60D & & D73 TH 7=, a* fEHITx=0~0.4DHiPH TIIxfE D KIZLE
W EFRT 27, x=0.40~0.60TIHEF L, x=0.6~095Tlx EHLTWV5. x=0.60TD
a*EMEL 725 Z S IETH0.01RICH YU TELE D, a* DR KREIFX=095D L D18 TH
7=, a*ElEx=0.20~0.95 D#i[H TCe0,-ZrO% TIXIE & A 0% T DK L THIT0
Fo T2 ZriCeposxThoosOr st BHI IO T DT IRA DGR,

bHE I x OB KRIZHEV EF L, RKEIX x=0.95 D& XD 46 Th 7=,

BT x=0 TIZRFD D E, x=0~0.80 TILHEB M, x=0.95 TIIAELRIETH
Sz, TOXIIZ, Tb R—7IE-T, HAEX—RX L LT, BB ~0f
DOFIFA T D AREMEN R Shuiz. BRlZ, x=0 TiL, LHMiE L aEDZ) D, CeO,
D Tb O R—=TPRNBBLSBENTND LB HND.

(Tb0.015%) ZryCeo.90.xTby01025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99) D 110°C, 600°C, 900°C
B BB DA BRI OWT, S84 « AR HUR A2 MV ORERER &
Q-DIZ X W HEH LZKME%% D 7' F 7 % Figs. 6-20~6-25(2F N7,
900°C CEMLEL L7855, T _XTOFREHT 290~300 nm (ZERWVIINAH S, S BT,
x=0~0.60 Tl% 320~340 nm OFFAITHID B'— 27 RHAL TS, B DO 300 nm TD
WG LTV D03, Ce By &G UBENE(T 5. ZhUE, Haxle Zr 58 &
b OFKE D Ce-0 #EEITHBIT 5 Ce*' 0% (297 nm) DEMBEERIZ LD D
ERIETE D, BHE O Zr A EICH S B ZZIT TV D CeOy IZBITH N R
MERICLD2bDTHD [5]. Zr &2 R—7 L7= CeO, TIE, /N> RREERIC X DKUY
12400 nm KX W IRWKETAEL 720, N0 R¥ v » FIIHFQREERICY 7 5.
FEEMEDEER O N RREEENER L2 LI 2 FOMY 0K ENRILE LD
72, TOMOOEANBEINS. Tb R—7LIbDOTHLRBEOBESEN LN,
x=0.20~0.80 D#IPHDOFRELTIE, 600 nm K VKV EHPH TOWLILA Tb 237200 H D
k%&bfbfﬁ’ﬁ<&@ HELOGBITHEE Lo TS,

Tb K—7"® Ce0O, (x=0) TIXH 500 nm T, Tb K—7 D ZrO, (x=0.95) TIE£I 390 nm
T. Blov—7ndin, %ﬁf:iﬁ%\%@%ﬂ? LTW5.

(Tb0.055%) ZryCeo.05.xTbo0s025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) D 110°C, 600°C, 900°C
B ESLELL DA BRI OWT, 846 AIHRILEEUN A~ 27 ML ORIER R &
Q-DIZ XV HEH L7ZKMBE% D 7' Z 7 % Figs. 6-26~6-311CF N,

Tb0.01 DifEH & [FIERIZ, 3“«“(@%&%*4 Z 290~300 nm fFi¥TiZ, & HIT x=0~0.60
T, 320340 nm |22 DD — 7 BNHEIRTX 5.

Tb0.05 (2B W TH, Tb K—7"D CeO, (x=0) TIiE#J 500 nm T, Tb K—7"D ZrO, (x=0.95)
IZK) 390 nm T. BIOE—=7RENATHE., 25O —271E7m W~ AIEIAT
CeOr. ZrO, B CIFBAI S N2 oo, Zd R, TNHITHAEIDO Tb R—7 D25 &
Ezohb.
Tb K—7I2 & 'r:)wy«@%zi.ﬂa DOWNT, ZrCe 40, 12T x=0(Ce0,)% Fig. 6-32
2, x=1(Zr0O,)% Fig. 6-33 |2, EIAEAKRD x=0.20~0.80 % Figs. 6~34~6-37 |2, Tb &1 0,
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0.01, 0.05 mol MFREIZ L L Crd. 7z, HEO=DHFIZHIRORIED Tb,O;
DORET —ZIZHONTEHR LT,

F9°, TbyO; TliEA72< &1 350nm & 500 nm (A2 TEAE Liz2 D7 v— K7
WL — 27 BIFAEL, AFEIERKR L7 To =7 Et ORI & OR#ERH D5 H 0 L& 2
STz, TbyO7 11X 3 i & 4lid T A AL BIFET H DT, Zh b DM AR RN T
DFEFPFEIZEE 2 Z LA HERI SN D.

x=0 ClETb &= F—792% &, $1500nm ZTHA & L7z rn— R —27 038, Tb
R — 78O KICHEOE < 72 o 72(Fig. 6-32, y=0.01, 0.05). Z ® 500 nm {F T DU I
BRVZD, b EH LEEAEZRL TV CeO, HERDEAWAREFS LTLED Z &M
Ezbhb. —J, Yra=7Mflox=1 TiE, 380 nmfHirEzESE L TR T L
TR DT a— R —27 03BN s 2 L biro7-(Fig. 6-33, y=0.01, 0.05). 3 7¢b
B, TIETHKICIFET S 2O0WIND 5 b, HkEMORNHENLT-D, )T
~D Tb R—=7 L3R 50HOEEZ L6 L TWA. 2, BEREYva=T
PIZAERL L7z 44l & 34MD Tb A A > O Rl M ENC L W EE X Hitd.
IR D x=0.20~0.80 TiX, Tb R—7DEEILN2 D DR 2o TND I LMK
AT KL BRI S 7= (Figs. 6-34~37, y=0.01, 0.05). 400~600 nm (Z>7- V) IR
IEREHZ RTINS L CW A 03T 02 TH Y, FFIZ x=0.60 TIZ Tb R—7
DOEENFEALER N0 -72 (Fig 6-36). bR b7eni=®, TbO; D 2 >0
WOWTNN LY ENTHODEHB LI WVIRILIZ R > TV D, T oDk T )
5 x=0.20~0.60 O TITHEL E R IEHBAHNFIE L, x EOHEINTEORS SR PEAME
7257, x=0.60 TlIicd CeOy D Th IRMODEE N/ NS D EEZBND.

CLEDG KM OFE R NS, To R—=70FEN, v )7, Dra=7rb5NNlk
U7 2 a =T EEERCTHAEICKE L TRR DN E LTHNAD Z B 0o,
Tobb, BT TIETAET ORERERINAFEERTHY, Pva=7 CTIFHEERER
WRFRL 72 5. FIZEEIE TIEFHORIL L7 < Tb R—=7 O ERGH 5T 5.
L OBRTIE, Tb F—7 L7z x=0 ®FELTIL, 500 nm {11 OF 7= 723 K D6k
WEDICE Y, LHMEN TR LR E 725 . —J7,x=0.99, 0.95 DFRE}(Zrg.99Tbo.0101-5,
Zr995Tb0s025) T, 380 nm fHIZTHA & Lz —2 2k, ZOHEEICHY T 5
(SE~T) OWRIUZ L DO RN R S 5. RFEZ, a*2 EA L TREAERT.
I D x=0.20~0.80 2 DWW T, I AT h LD KX 7225 UIT R SR D> 72723,
Tb WINEDOHINZ K 0 2AXAIIZ 600 nm LA F ORI EE L TWDH EEX BN, £
DI=HERODOFOLER->TNDL EEZLND.
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Table 6-1. L*a*b* values of ZryCe.99.xTbg 01025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after dry heat treatment at 110°C.

X L* a* b*

0 81 3 41
0.20 81 3 45
0.40 83 1 43
0.60 84 1 41
0.80 87 -2 35
0.99 94 0 3

Table 6-2. L*a*b* values of ZryCe.99xTbo 01025 (x=0,

samples after calcination treatment at 600°C for 3 h.

0.20, 0.40, 0.60, 0.80, and 0.99)

X L* a* b*
0 50 7 11 e
0.20 75 8 42
0.40 78 6 46
0.60 79 5 45
0.80 81 5 39
0.99 80 10 42

Table 6-3. L*a*b* values of ZryCe99.xTbg 01025 (x=0,
samples after heat treatment at 900°C for 3 h.

0.20, 0.40, 0.60, 0.80, and 0.99)

X L* a* b*
0 44 7 8 e
0.20 74 10 39
0.40 78 7 41
0.60 79 6 38
0.80 78 9 36
0.99 80 11 41
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Fig. 6-14. The L* values in CIE LAB colour system of ZryCe.99.xTbo 01025 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.99) samples after heat treatment at different temperatures.
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Fig. 6-15. The a* values in CIE LAB colour system of ZryCe 99.xTbg 01025 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.99) samples after heat treatment at different temperatures.
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Fig. 6-16. The b* values in CIE LAB colour system of ZryCe.99.x b 01025 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.99) samples after heat treatment at different temperatures.
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Table 6-4. L*a*b* values of ZryCe9s5xTbo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after dry heat treatment at 110°C.

X L* a* b*

0 75 8 39
0.20 74 9 41
0.40 75 8 42
0.60 80 5 38
0.80 83 3 35
0.95 93 0 4

Table 6-5. L*a*b* values of ZryCe.95xTbo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after calcination treatment at 600°C for 3 h.

X L* a* b*

0 38 9 12 e
0.20 59 12 29 I
0.40 67 13 40 e
0.60 73 9 41
0.80 70 13 40 e
0.95 76 15 37

Table 6-6. L*a*b* values of ZryCegs5xTbg 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h.

X L* a* b*

0 35 7 8 e
0.20 57 12 23 e
0.40 67 13 35 e
0.60 73 11 37
0.80 69 15 38 e
0.95 69 18 46 e
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Fig. 6-17. The L* values in CIE LAB colour system of ZryCe 95.xTbg 05025 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.95) samples after heat treatment at different temperatures.
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Fig. 6-18. The a* values in CIE LAB colour system of ZryCeg 9s5.xTbg0502-5 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.95) samples after heat treatment at different temperatures.
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Fig. 6-19. The b* values in CIE LAB colour system of ZryCe 95.xIbg 05025 (x=0, 0.20, 0.40,
0.60, 0.80, and 0.95) samples after heat treatment at different temperatures.
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Fig. 6-20. UV-Vis diffuse reflectance spectra of ZryCe.99-xTbo 01025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.99) samples after dry heat treatment at 110°C.
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Fig. 6-21. KM functions, F(R) of Zr Ce
samples after dry heat treatment at 110°C.
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Fig. 6-22. UV-Vis diffuse reflectance spectra of erceogg-beo.mOz-zs (x=0, 0.20, 0.40, 0.60,

0.80, and 0.99) samples after calcination treatment at 600°C for 3 h.
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Fig. 6-23. KM functions, F(R) of ZryCep.99xTbg 01025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)

samples after calcination treatment at 600°C for 3 h.
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Fig. 6-24. UV-Vis diffuse reflectance spectra of ZryCe.99-xTbo 01025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.99) samples after heat treatment at 900°C for 3 h.
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Fig. 6-25. KM functions, F(R) of ZryCep.99xTbg 1025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.99)
samples after heat treatment at 900°C for 3 h.
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Fig. 6-26. UV-Vis diffuse reflectance spectra of ZryCe.95xTbo 05025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after dry heat treatment at 110°C.
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Fig. 6-27. KM functions, F(R) of ZryCep.95xTbg 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after dry heat treatment at 110°C.
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Fig. 6-28. UV-Vis diffuse reflectance spectra of ZryCe.95.xTbo 05025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after calcination treatment at 600°C for 3 h.
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Fig. 6-29. KM functions, F(R) of ZryCep.95xTbg 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)

samples after calcination treatment at 600°C for 3 h.
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Fig. 6-30. UV-Vis diffuse reflectance spectra of ZryCe.95.xTbo 05025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at 900°C for 3 h.
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Fig. 6-31. KM functions, F(R) of ZryCe.95xTbg 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h.
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Fig. 6-32. KM functions, F(R) of Ce;Tb,O,5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb4O as reference.
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Fig. 6-33. KM functions, F(R) of Zr;,TbyO,5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb,4O; as reference.
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Fig. 6-34. KM functions, F(R) of Zry2Ceo80-yTbyO1.5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb4O as reference.
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Fig. 6-35. KM functions, F(R) of Zr40Ceo.0-yTbyO1.5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb4O as reference.
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Fig. 6-36. KM functions, F(R) of ZrycCeo40-yTbyO1.5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb4O as reference.
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Fig. 6-37. KM functions, F(R) of ZrgyCe20-yTbyO1.5 (y=0, 0.01, and 0.05) samples after heat
treatment at 900°C for 3 h and Tb4O as reference.
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Fig. ZrCe.99.xTbo.0102.5 (x=0, 0.20, 0.40, 0.60, 0.80, 0.99)D# > 7 /L H H.
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U7 =V a=y -7 AT REEEZ RREREIC L0 AL, XERET, H,
YRAN « RIS 0 YEIEIZ K BRI 24T o 7o, XERIEIHT A B 1%, 3207 fhvar A A,
B HWTESMmOEATEHARESE L S OB AR D x=07>50.8 F TOHiH TH
FATAERR LTz, CeO, D /N> RERIZ X 5320 ~350 nmWZ U 2s Al DI & & C
EONC, %8, FOXRWNMBAEL, 2Ot LTHADREANG LN, S DI,
To R—=792Z L2k Y, FFAEOWRINEREDOREOBERNAM I, TORE, [
AR T, BEOFRENELN, SHIZYLa=7 TIITb® F—712 X Y 380 nmft
T O AIAESEREIR O BRI A U CTIRESR OB AR o T2, —EHOEFEIRIC L D B
DEALE BT EDZENTEE. Lo T, CeO,—ZrO)ZToZ MMz 5 Z LTk v, 2
HOPEE 2 Hil4E C & 2 mIREMEDS AL STz,

153



253k (5 6 75)

[1] P. Sulcova, L. Vitaskova and M. Trojan, “Thermal analysis of the Ce; \TbsO, pigments”,
Journal of Thermal Analysis and Calorimetry, Vol. 99, pp. 409413 (2010)

[2] J. K. Kar, R. Stevens and C. R. Bowen, “Novel terbium-zircon yellow pigment”,
Journal of Materials Science, Vol. 39, pp. 5755 — 5763 (2004).

[3] Alifanti M, Baps B, Blangenois N, Naud J, Grange P and Delmon B, “Characterization
of Ce0,~ZrO, mixed oxides. Comparison of the citrate and sol-gel preparation
methods”, Chemistry of Materials, Vol. 15, No. 2, pp. 395-403 (2003).

[4] M. Yashima, H. Arashi, M. Kakihana and M. Yoshimura,”’Raman scattering study of
cubic-tetragonal phase transition in Zr;4Ce4O; solid solution”, Journal of the American
Ceramic Society, Vol. 77, No. 4, pp. 1067-1071 (1994).

[5] G. Ranga Rao and H. Ranjan Sahu, “XRD and UV-Vis diffuse reflectance analysis of
Ce0,-ZrO; solid solutions synthesized by combustion method”, Proceedings of the
Indian Academy of Sciences (Chemical sciences), Vol. 113, Nos. 5 and 6, pp. 651-658
(2001).

154



TR I T UNa =T mMEN RN L 7R R

7.1 HH

BRI T T ATF v, IR, MG, e 2MBEtoEHCORD05, S8E
OELE TRICEA LHER 2T o220, Filz0E, Fakids CORMOEEIZHN
HEE, —ROMEZ BT HIRE, D7e< &b 12000CEL EOZICit 2 HitdH Z & A
VETH L. ERHEETHRANLEL TN TS, BICRML THWS &, BEpicE
K35 Si0, BT AR THEHEN ML, AR HATLEI L LHD. EHEOFTY
HEMNENEZZ LN TWVWDL YL A RER TS, 70U GRE N T AR T
SIRELTLESI ZERH 5. BILEOYE, TNABIIROBEEZET 5, HIIH
MU TRKHFTHERL L7256, BB L8R L C8A A & L THID Sio, 77 A
HZAEET D728, Table 7-1 1R XL 918, IMEICG T, #EE, &, BLrabL,
IRAT—RIZITE B2 [1]. Fig. 7-1 O X 91T K 918, KRNI 0S4,
600 nm Fiif% TR ED EHARH Y, RAENTFELNDLD, BOLE TIE, 600 nm
UTKREDIE ST D720, AT > TLE 9. flias DRIV TR, 1,
HEOREAITEH L, LA L, BRENRRMOAEELZAIRICT A7,
ZDOE ) BRBEROERDPVLELE SLTNDS.

SiOy 7 AHNZE T 58U 7 a=7 R EOZEENIZONT, ZILE TITHIES
NEBNTIR ST B0, B TIZHOWTE, T ARy hU—27 T & Ce*
D 2FRIED A A2 INH T AR DRI A A W72 Pl MEAFE L CIEET D [2,3]. &
NA=TIZHOWTIE, B SiOy 7 AP TR L THA%EZR L, Y=
Ve, BRMICHAREHZ L EDICHW LI TN S.

ZOETIE, INETICAMRLEE Y TV a=T ZME 2~k L LTo
FIHATREMEIC DWW THE 2 D 7201, A RGEEHE TR S AL TV 2RISR L Ceafh a3
EL, BERk L7-H 0% a5 U CEMME71m L 7-.
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Table 7-1. HiOELELDOHMNEIZ X 5 AL —HF
(GLAERh--- 350 (H AL (BR))

Fe O E & (mass%)
23 (R8) L¥ a¥ b*
(EHEM 100 (SHLT)
0 (EWEHM) 80 -1 10
1 74 -1 24
2 m 70 1 28
4 - 53 3 28
3 [ 36 4 10
30 B : )
(Fe;03) - 33 27 27
100
90 ~ —0 mass% (basic
glaze)
80 7 —— | mass%
70
S ——2 mass%
S 60 - 2 mass%
5 !
g 50 - ——4 mass%
3
E 40 ~ 8 mass%
30 +
— 30 mass%
20
10 7» / F6203
0 T T T T T T

200 300 400 500 600 700 800

Wavelength / nm

Fig. 7-1. UV-vis diffuse reflectance spectra of the glazes containing different amounts of
Fe,O; after glost firing at 1230°C for 0.5 h in air.
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LT 1230°C, 0.5 Fffl, KPP THERK L7Z. Z D3I % Fig. 7-2 [T 7.
U723 R IR Table 72 OB TH D, REHRIZZEICEIT S
900°C, 3 RefH] CEMLER L7 b DI A, BERRDOSRMEELZEBR L, —HOREHZ DN T
1% 1230°C, 0.5 BRI TEVLER U726 O 6 (i L 72, ZrCer O 1 U U AJFURF D A
TroE=ZU LAY UATHLIRE B L2, IRINEIL, BehEFEoax 25
L CRE L.

FEWERNL 3 Bk (AARKRE (BK)) ZMEH Uiz, 2k, A P& Bk CR g H o R
HTHY, 1230~1250°CREE N feil 72 BERUIRE T 5. Fig. 7-3 ITfRgs LA FEH L L
T 1230C, K& TRERK L7z 3 BRIOIEHU S A2 My & R4, £ 320 nm LR D
FREOHITHOWT, KEEMFIZ0IZ2D, IZEERICWIN L TNDZ ERbns.
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( A Sample Powder ) ( The Basic Glaze )

H,O

Mixing
|

(o)

Glazing biscuit fired bodies

Glaze Firing (Glost Firing)
(at 1230°C for 0.5 h)

\ 4

( Glaze Specimens )

Fig. 7-2. Schematic illustration of production of glaze specimens.

Table 7-2. The powder samples added to the basic glaze and the amounts in mass% in outer

percentage.
The amount of
Powder samples Heat treatment
sample (mass%)
Zr,Ce; O o
PO 900°C, 3 h 10
(x=0,0.2,0.4,0.6,0.8,and 1)
Cel_yFey02_5 9OOOC, 3 h 10
(y=0, 0.01, 0.05, 0.10, and 0.20) 1230°C, 3h
erceo,95.xFeo,0502.5 9OOOC, 3h 10
(x=0, 0.20, 0.40, 0.60, 0.80, and 0.95) 1230°C, 3h
erceo,95_beo,0502_5 9OOOC, 3h 5
(x=0, 0.20, 0.40, 0.60, 0.80, and 0.95) 1230°C, 3h
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Fig. 7-3. UV-Vis diffuse spectra of 3-go yu after glost firing at 1230°C for 0.5 h in air.
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73 AR L BL

7.3.1 Zr,Ce;xO,

900°C CEVLEL L 7= Zr,Ce 0, (x=0, 0.2, 0.4,0.6,0.8, 1) By ARzl ol iR5R ks 5
% Table 7-3 (2, 8y K % N 2T 1230°C TlERK L 7= Bl D | 2530k O FE 5 % Table 7-4 12, %
NENRT. x=02~0.8 OREHHRTIL, B TV a=TEEENERL, Bk
DIEIZFEE L, b*b 40 A2 RT A, BICIRINT 5L E2B L, HAIRITEALH
Z, b*EDL 10 A ETE T L2, a*EIXEENICR D & 20K 720, x=02~0.6
TIXOLL N &> THBY, RAENRLSRD I EERL TS, FFIZ x=04 Tldi/ME
SBERL, BFAVNLORE LN, HOMEKIZAEBRTHY, 10 mass%DiREZ N Z 5
ERRES, BELTHRDHH, BERIZ XV ENE Si0, T AfEiEEH L, EWICA
0, T FVLEREDOEENL, DA T ARG Ao THOH LIS
BT 5. LLInbOREHROLGE, 1 ZEAEEANEZTLES72720, Fo
Si0y T A TEDH DGRBS I OENDOELN DT EZBIND. Ce A 4
IX4fliE 3B, BY 7V a =T EEIEN SiO, 7 AZEET D & Ce A A
DN 475 3T L L= 7= OB LI Al REMEN & 5 . x=1 D ZrO, IZ DWW T,
F<HE L. SiO 7 AR THEL, EBITENEWD, FEERICHEER ORIz L
arEEBICHAAIE LTHHINTEY, 20 LB0 OFEE L -7, 900°C THL
ALER L 7= ZrCe 0, (x=0, 0.2, 0.4, 0.6, 0.8, 1) MR EI ORI @R OFER % Fig. 7-4
(AR Z N 2 T 1230°C TRERK L 72 B o [ aREBR OFE R 4 Fig. 7-512, ENEhRT.
M ARFETIE, x=02~0.6 £ TR RO BN EREEMIZT 7 K LTS3, 400 nm
~500 nm O A HFHEFE O WAL L TWD DR DDA, F CTIE 400 nm £ T,
RN EH L TE Y At oORIITIEE A 72 h>TEY, HAHLMZD. x=0.4
TIEHEEEMUMTKHEORTNRH Y, BEROEEDKWINLE S H1-80, ZHNEFH
o TENTND.
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Table 7-3. L*a*b* values of the Zr,Ce; 4O, (x=0, 0.2, 0.4, 0.6, 0.8, and 1) samples after heat
treatment at 900°C for 3 h.

L* a* b*

89 -3 24
0.2 82 3 42
0.4 83 2 42
0.6 84 2 42
0.8 86 0 37
1 93 0 4

Table 7-4. L*a*b* values of the glazes containing the Zr,Ce; 1O, (x=0, 0.2, 0.4, 0.6, 0.8, and
1) samples heated at 900°C after glost firing at 1230°C.

L* a* b*

0 83 1 13
0.2 82 0 10
0.4 79 -3 8
0.6 82 -1 11
0.8 85 1 13
1 88 0 6
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Fig. 7-4. UV-Vis diffuse reflectance spectra of the ZryCe; O, (x=0, 0.2, 0.4, 0.6, 0.8, and 1)
samples after heat treatment at 900°C for 3 h.
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Fig. 7-5. UV-vis diffuse spectra of the glazes containing 10 mass% ZryCe; <O, (x=0, 0.2, 0.4,
0.6, 0.8, and 1) samples heated at 900°C after glost firing at 1230°C for 0.5 h in air.
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7.3.2 CeyFeiyOn.5

Ce;Fe,0,5 (y=0, 0.01, 0.05, 0.10, 0.20) DFEHZ DWW T, Fig. 7-6 & Fig. 7-7 1T, 900°C
BB L ON230°CEVLER S O X AREIHT OFER 2 T Iurd . 900 CELER: Tlk, 3
TO y EOFREHZIB T, CeO, DL b A G OB v — 7 33 i, y=0.10
VI ET, Fe 87N CeOu ICHEVE L7V T Fe,03 & LTHAEL TWAH EEZBRD.
1230°C TEVILFE- 2 & 900°CIT T CeO, & Fe 03 i 5 & & [T 3 i < 72 o 7272,
MmN E - EBEZ LN D.

Table 7-5 (T CejyFeyO,.s DRI OMI ARG R 2777, 900 CHOBMLH S - 5HaE,
y=0~0.05 £ Tl a*fllT-4 5 19 FTEHTLN, ylERZEN LV REL<>TH |k
A Uo7, LHMED y=0.05 FTIL 92 7D 47 FTRELETTDHH, Thdkvy
ERAKREL o> THD LDIETFICE EE 5Tz, 1230°C Tl y=0.01 @ a*flEd K
< ERURBNRLS 720, y=020 TiX, L*, a*, b* T X THETFL, BAHNHL 2o
72, FeO; DRIFDBREL D L, HMOIR, 8K, BALEATHZENMLATY
5[1]. y=0.20 TOEEIL, T DX D7 Fe,O3 b F-OHARALIZEER L TV D k%i
H5ILD. — 7, FeyO3 DERMNFRD LR y=0.01 TEBONORICEM LTI &

Fe,03 T/ < Fe NETA L7z CeO H THARILIC L 2 BN AE T b D EE R %z%é.

Table 7-6 |Z CeiyFe,0y5 % & Lo MR O M EAFBR OFE R 2 7777, 900°C TEULEE X 7
B2 W2 5E, a*EIE <, y=0.05 23 KD 8 THRWVIRAD B 53y =0.10, 0.20

TlEENZEN 3, 2 LKL 720, bHMENK 20 THE VKT LAWY, > TWVAGAE
HOCW=, £FD—JT, 1230"(:1*%?2%3%%:%5 &, a*fElT y=0.05~0.20 OFIFH Tl
0HIETERL, RANEL IpoTa. T 2 TERET DEITIE CeO, (T HTA L 72K EE
& Fe,03 DIRIENE 2 B D, HIRD Fe 03 1%, HIHIN S 5 Al DOFERDBLEL D
HEEDY 900C, 1230CEL B TH-Th, MOBERTIZZE OHEIEZ 72§ Si0, U T A
IR LT, Fe'" A F o & LTIREL, KRBT 5. —7F, CeO IZEIEL TV 5 Fe I
DX R ENRNDT, REDHEAEZREET HAEMENH D, 1230°C TEALHE
L7z Fe IR CeOy 3AEHTIX, FRICHEMMED Y L TR EMENE L 725729, Fe
DFH~DIEFRIENMEL 725, Z D728, 1230°CELIRIZ B W TR IZRA D & 5 IR
RN SN EEZBNRD. LavL, 900°C CEVLHEE X 7=k 2 WSl L 7235800
LEHGE ISR TIRFEIZH D OB Z N L D I HITEWVIRE D 1230°C THIH 2SBERL S 4L
L7128, 720 OO Fe BEEEANHHITH LT Fe 23 SiO, H 7 AHZA A L L
TAVEVIAEND. CeO ICHEIEL TWAD Fe WO TNIIRD T & B2, HRA
DL 70D, SHIZ, y=0.10, 020 O X 9T Fe IINENZ W& T T AIZAV AT &
HZ N, REOREIZRS>TLEI EEZXDLZD. y=0.05 OFEHHIZ Fe %577
GENDEL Fer,03 & U TEAT 5 £ 89 2.4 mass%IZ72 508, BUZFTAA (FeyO3) D
H D% 2.4 massY% BTN Z THERK L7 & LTH, Fe BNRID SiO, T AZA 4 & L
THET AT OHEBEIZ LR LRV, 207D, Fe % CeO, ICHEHESED Z LT
i??%%: HIZ-OIWIZAENEZE 2 bILD. T 2T, BmRRE, Mafhe 12 y=0.05 LLET

T a*EN K 20 TEICRD, ZTHLLE Fe iy ZHMEEThH, CeO, IZEVAE LR
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T FeO3 E LTHTHT HEDEZA L7210 THY, RAFTMS 2ER20. £DD
y=0.05 BtiF CORODOIFKEEEZE X HND.

Fig. 7-8 |2 CeyyFe,0n5 MR D UV-vis JEHA X7 ML OREFRER 2777, 900C
TEULEE X724, y=0.05~0.20 TiE, 600 nm LL EDOPERIZI W T Fe,05 & [RERD
PR Z R L, ENL 0 RERMONZ KN L TWDTeD, RAOH HEHHZR
I —F, y=0.01 TiX, 600 nm LL FTHHDORFNFED DI, EDIOEAZRL
TW5. 1230CClE, y=0.01 I W T H A & [FIER 600 nm fif% TN K E < Z1
L, RENBIND.

Fig. 7-9 1T CeiFeyOr5 & G e HIFE D IR, « WML 0T DR R Z 7R3, 900°C TEL
HENZREZHWZ85E, Fe2E8 720 D(y=0)& i LT, 400 nm~600 nm
FH THOT N RDNMENLINTIE E A EED LT, KRR cAbD X ) 7]
SRR T ORI & 72N T2 OFEITTHNZ 30D, 1230 C TEMLEL X 7- il
EFCIE, 400 nm~600 nm OFHEOELTNREL 2D, y=0.05 UL _ETIERERDORE R
L, ROEENE L.
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Fig. 7-6. XRD patterns of the Ce;.,Fe, O»5 (y=0.01, 0.05, 0.10, and 0.20) samples after heat
treatment at 900°C for 3 h and Fe,0;.
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Fig. 7-7. XRD patterns of the Ce;Fe, O»,5 (y=0.01, 0.05, 0.10, and 0.20) samples after heat
treatment at 1230°C for 0.5 h and Fe,Os.
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Table 7-5. L*a*b* values of the Ce;yFe;O,.5 (y=0, 0.01, 0.05, 0.10, and 0.20) samples after
heat treatment at 900°C for 3 h and 1230°C for 0.5 h.

900°C for 3 h 1230°C for 0.5 h
y L¥ a* b* L* a* b*
0 92 -4 19
0.01 63 9 20 | 57 19 15
0.05 47 19 15 I 4 19 12
0.10 45 19 14 | 35 18 10
0.20 39 17 2 I 34 13 6

Table 7-6. L*a*b* values of the glazes containing Ce;.,Fe,O,5 (y=0, 0.01, 0.05, 0.10, and
0.20) samples after heat treatment at 900°C for 3 h and 1230°C for 0.5h in an amount of 10

mass% in the outer percentage.

900°C for 3 h 1230°C for 0.5 h
y L* a* b* L* a* b*
0 81 1 14
0.01 80 1 13 78 7 19
0.05 75 8 23 66 22 30
0.10 78 3 20 69 20 31
0.20 78 2 21 70 17 30
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Fig. 7-8. UV-Vis diffuse reflectance spectra of the Ce;.,Fe 0,5 (y=0.01, 0.05, 0.10, and 0.20)

samples after heat treatment at (a) 900°C for 3 h and (b) 1230°C for 0.5 h.
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Fig. 7-9. UV-vis diffuse spectra of the glazes containing 10 mass% CeFe, O, ; (y=0, 0.01,
0.05, 0.10, and 0.20) samples heated at (a) 900°C and (b) 1230°C after glost firing at 1230°C

for 0.5 h in air.
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7.3.3 ZryCep9s5xFeo 05025

1230°C CHEVILER U 7= 30BHE R & Rl 0 ) 2 305k O % F % Table 7-2 127877, 900°C£L
RLPREUEHY R T, Zr TS L THBE, 18, HEORAROBEANGELNTZN, FH
<725 TEY, FIZx=04 TEWVWLONELNT-.

Fig. 7-10 & Fig. 7-11 IZ Zr,CegosxFep 05025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) #EHS K
D 900 CEVILERFS KON 1230°CEVILERT OFRELD X MRIEIFFOFERZ "9 B 5FET/RL
7280, 900°C TEULEE X 7= sl BHTIE, x=0~0.60 D&iFH Tl A %A O N7 5
FH, x=0.80 IXEEaFH, x=0.95 [T HEREERFHNZNEIVEF THEEL TV, x=0~0.8
DOHIFAIZIB W TIE X EDOHEINZA W XFREHTAEITSARIIZS 7 L TWD Z L R§R
HHD. L, 1230CTiE x=0.40 & 0.60 THZTEENTRD B, CellEIe i
FE Zr B EFRHO 2O ) 7TV a=TEIEIEE D EEZBND.

Table 7-7 T Zr,Cep.os-xFeq.0502.5 DI 7ER DAL R A 7~ 9. 900°C CEVULEL S 7= 55,
x=0.60, 0.80 T, a*ENHE BT L. bMEN KD LA T 570 EALN R GRS 2 5.

1230°CTlE, 2#iPA T L*a*b* ClZIZFREROEME AR L, LAl 40 AifkiZIE T L,
a*EI3A9 20, bMEIZAI 13 2R L, BOORER LT, Fig 7-12 12 Zr,CeposxFe.05s0a
D UV-vis JEH T A7 MV ORERE S %777, 900°C TEULEE S L= 556, x=0.60,
0.80 TlE. 600 nm FifZIZIBWTRATFHEOZEALI ML & Hhx, 07272, BHAHHIR
{725 TWA. 1230CTiE, X TOMETRE <2 L, 600 nm £ TOPREDIEN
N S, RAMRLS 7eo> T D, O X9 RBVULEIZ X D K ROB(L L ZDfE R
ELTAELDZRAD EFIT, $adtet ) 7V a=TBERIKS, TOREICHEET
% Fe,0s D ILMENE Lz Z bic kb EEZ BN .

Table 4 |Z Zr,Cegos.xFe 05025 D fitifill L 72 5t O A3 ER D& B 2 7k 7°. 900°C TEML
HIn=d B 2 054, a*ElX x=020 L ETIEIT 012720, b*EI%, x=0.40 ®
& X BIRV 10 208 L2, 3 003F x=0.20~0.60 O#FIPH TIEHFHRD L 2 IcHF AL 2D,
x=0.80, 0.95 TIZAL 72o7=. 1230°CTlE, x=0.20~0.60 (% 900°CD H D & [FAERIZTH
FH<720, x=0.80 TiZHL, x=0.95 CIFHLHEADAEBTH 7. T ZrCe 02
THLNTEREFAKRTHY, Fe BIRIZTBAIZHFS LTV RNEEZ OGNS, KRR
BIORBGRDEEMEL AL EESRN-THEE LT, I 7V a=T7 oS
HEIZH D EIZL > THEPE L TV 2 Fe NITH LT <, MO T T AZETIAAT
B2 OND. —F, RbEEOLREF R IN x=040 THLNLZ. 2O xETIE,
1230°C TOBMLERIZ LV Ce lICETe b & ZrlZE L IEF D' Y 7o a =7 FER
ENRHEFELTNDIEREBEZLN, AIEOFAEBREOILAGCHREINTZLDLEE X
Hihb.

Fig. 7-13 12 ZryCep95-xFe0.05s025 Z M R T Bl DERSN « WIS 0 AT D& R % 7797, 900°C,
1230°C DOl 5 OEMLEE X 7= 508 C, x=0.20~0.80 TlE 400 nm~600 nm DFiFHIZIEK
FEROIKTIL72 <, IRED 72N EXRD0D. x=0.40 & 1230°C TEVLEE X 7= x=0.20
TIE, BEEAORFENDOTNUETLTEY, ZARFAWEALR-TENRT
W5,
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Fig. 7-10. X-ray diffraction patterns of the ZryCe.9sxFe) 05025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after heat treatment at 900°C for 3 h.
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Fig. 7-11. X-ray diffraction patterns of the ZryCeg gs.xFep 05025 (x=0, 0.20, 0.40, 0.60, 0.80,
and 0.95) samples after heat treatment at 1230°C for 0.5 h.
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Table 7-7. L*a*b* values of the ZryCe9s.xFeo.0502.5 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h and 1230°C for 0.5 h.

900°C for 3 h 1230°C for 0.5 h

X L* a¥ b* L* a* b*

0 44 19 13 I 4 19 12
0.20 46 16 9 B 39 19 13
0.40 54 15 21 | 41 19 14
0.60 56 11 22 | 44 19 13
0.80 56 10 24 | 43 18 13
0.95 54 20 20 | 40 21 14

Table 7-8. L*a*b* values of the glazes containing ZrCe 9s5.xFe(.050,-5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at 900°C for 3 h and 1230 °C for 0.5 h in an

amount of 10 mass% in the outer percentage.

900°C for 3 h 1230°C for 0.5 h
X L* a* b* L* a* b*
0 75 8 23 66 22 30
0.20 79 0 16 76 3 10
0.40 76 2 10 74 3 10
0.60 79 0 15 78 1 13
0.80 82 1 15 81 1 14
0.95 83 0 12 72 8 27
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Fig. 7-12. UV-Vis diffuse reflectance spectra of the Zr,Cey 95 xFe0.0502-5 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at (a) 900°C for 3 h and (b) 1230°C for 0.5 h.
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Fig. 7-13. UV-vis diffuse spectra of the glazes containing 10 mass% ZryCey 9s-xFep.0502-5 (x=0,
0.20, 0.40, 0.60, 0.80, and 0.95) samples heated at (a) 900°C and (b) 1230°C after glost firing

at 1230°C for 0.5 h in air.
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Fig. Zr,Ce.95.xF€0.050,.5 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95)7 KL K DB H.
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Fig. Zr,CeposFeo.0s0a5 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) % 7 5.2
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7.3.4 ZryCe.95xTbg 05025

Fig. 7-14 & Fig. 7-15 |Z ZrxCe95xTbo 05025 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95) FLEFHE
? 900° CEILERFS 1 TN 1230 CEVLEE . DFRELD X BRIEPrOfE R A2 /R 5 E TR L
7280, 900°C THULERE X 7= sl BHTIE, x=0~0.60 & C i3t 1 A% & 0O N7 5 i
FH, x=0.80 |LIE 5 EutENENENHFETHIEL, x=0.95 TITES A &V EO R
FADMELE L T 2. x=0~0.8 DFAPHIZ BN TIE x OB L XORREITT 4 B 135 A
NZY 7 FLTWAZ ERBEDHND. 1230 CTH RIEEOEHTKE 2R L, fHoEE%
£ U7- Fe DA LI R~ T-.

Table 7-9 IZ ZryCe.95.xTbg 05025 DRI AFER DFER 2 7777, 900°C & 1230°C & OFHIEIT
HEVRL, x=0 T, LYa*b*ET X THKEMETH Y, x=0 205 0.60 DFiIFH T x O
HRIZEEY, LHMER EA L, 70 BiE £ TiET 5. a* fHIX x=0~0.40 OFiPH TIL, x A
DO RIZEED, D LD EFET 57, x=040~0.60 T—HALF L, x=0.60~0.95 TIE
FERLTWS., a*OKEKEIX x=095 DL XTHVY, 1230°C TEMLEL L 7230 CIX 20
’C“Ebof:. Ce0,-Z10, RN DI TH 7203, Tb G TrHHE RN L T & IRADNE

L, WM, EBOORAITR > TWD. Fig 7-16 12 Zr,Cepos.Tboes0s.5 P UV-vis 4k
B A7 FVOREFRERZ 7T, 900°C, 1230 C OB THEEZRZAITR S,
x=0 TIT M HRITIR <, BHTK 600 nm £ TIEFFFRBMEL 225 TV DAY, x=0.20

T, R EMNC Y7 R LTK 400 nm F TR RMMELS 225, SO xEREERL,
x=0.40~0.95 TiX, & 400 nm 76 RPETOPFN RN I BHIZELLTWD. 2
D LMD, x=0 TIERABIE B, BBAIZRY, x EEKRT 5 &5 HEE
BLlieb.

Table 7-10 12 ZryCeo.05.xTb0.05005 ittt 2 M 2 7= Fh DO 45k Ot B2 7~9°. 900°C T
BULEE S 2B 2 WA, aMiEld x=0 TROAE 11 287, x=02 LA BT, x
EOKRIZHVVDL LT DMK T L, x=0.95 TH/ME 012725, b*EDH, x=0 D& ZHKK
fEZ LD, 29 Z/RL7. x=020 L ETiE, 20625203 HY, x=0.95 Thire/MHE 17
Zor L=, B 0E x=0 TIIA L >, x=0.20~0.60 D#FiPH Tl e %27~ L, x=0.80,
095 TIHFHANHRLS ooz, 1230CTH R AF 2~ L7z, Fig 7-17 (Z
ZrCe0.95xTbo 05025 Z M ZT-HID UV-vis JEHIHT A7 MV ORPERERZ T, B
FRIRFE 2N 900°C, 1230°C DO 7 OFREHIIBW T, x EHE KT D &, 400 nm~600 nm
DIFEN EF L T EEFR RO, x=0 Tt Z OFPH DRI N K Z W72 DR
FNIRLS 720, AL VO ENELIND D, x EREKT HITONT, RAEDFHL
720, x=095 TITEWHEAILRD I ENEBEZIHNS.

Z1,Ce 1 x0r & ZryCeposxFeg 05025 THEOLIVIZFE R L ITE RV, FH A< 72 2 A& FH 23
7RV, EASHTE To ITHIEED SiO, H I A TH R U 7oL a=T HICfE(EL, ¥
IZHG LTV D EEZDND. BESKZE ALY 7oV a =7 2N L7 H
HTHAONRWEORFANELND -, BORORAICHEE L= 5 Z LN AEE
THY, Fe LHMARDLEDLZLIZIVEN ARV ESLND Z ERPFTEX .
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Fig. 7-14. X-ray diffraction patterns of the Zr,Cey 95.xTbg0502 (x=0, 0.20, 0.40, 0.60, 0.80, and

0.95) samples after heat treatment at 900°C for 3 h.
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Fig. 7-15. X-ray diffraction patterns of the ZryCeg 95xTbg 0502 (x=0, 0.20, 0.40, 0.60, 0.80, and

0.95) samples after heat treatment at 1230°C for 3 h.
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Table 7-9. L*a*b* values of the ZryCeg 95.xTb 05025 (x=0, 0.20, 0.40, 0.60, 0.80, and 0.95)
samples after heat treatment at 900°C for 3 h and 1230°C for 0.5 h.

900°C for 3 h 1230°C for 0.5 h

X L* a* b* L* a* b*

0 35 7 s M 35 6 o 1N
0.20 57 12 23 B 59 14 24 [N

0.40 67 13 35 68 16 31
0.60 73 11 37 71 14 33
0.80 69 15 38 68 17 36
0.95 69 18 46 70 20 47

Table 7-10. L*a*b* values of the glazes containing ZryCe 95.xTbg 05025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at 900°C for 3 h and 1230°C for 0.5 h in an

amount of 5 mass% in the outer percentage.

900°C for 3 h 1230°C for 0.5 h

X L* a* b* L* a% b*

0 72 10 30 74 8 29
0.20 74 4 21 77 4 26
0.40 72 3 25 80 1 18
0.60 76 2 22 80 1 21
0.80 80 2 24 83 1 15
0.95 81 0 17 82 0 15
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Fig. 7-16. UV-Vis diffuse reflectance spectra of the ZryCe.95.xTbg 05025 (x=0, 0.20, 0.40, 0.60,
0.80, and 0.95) samples after heat treatment at (a) 900°C for 3 h and (b) 1230°C for 0.5 h.
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Fig. 7-17. UV-vis diffuse spectra of the glazes containing 5 mass% ZrxCe 95.xTb.0s02-5 (x=0,
0.20, 0.40, 0.60, 0.80, and 0.95) samples heated at (a) 900°C and (b) 1230°C after glost firing
at 1230°C for 0.5 h in air.
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Fig. 7-18. UV-Vis diffuse spectra of 3-go yu and the 1 mass% Tb4O7 doped 3-go yu after glost
firing at 1230°C for 0.5 h in air and Tb40; powder.
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Fig. ZrCe.05.xTbo.0502.5 (x=0, 0.20, 0.40, 0.60, 0.80, 0.95)alEH# AR D H-H.
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IHETIZAR LIz Y T Vv a=T Mk & e CHEMA I 2HICEInL, ko
RER AT, UTFOZ ERFERE L TELNT-.

1. BV 7 VN a=THEOHEGOREAITH TIIEATLEY, H, HOWIEFHWV
AL L NIRRT

2. Bk#ka ) TICHEALLEGAITIRADHLMMATE L0, vV TV ra=7Ic
WAL EE, BESRORAITHEATHEAL Y, BALEkZEA LN S O & [FEk
DFER L 7p o7,

3. TAETZEBYTICEAT L LBOBENELN, BTV a=TIZE8ATD
&L RV ORANE LN RO RANDEOTIMEIZHIG T, L 2D 5,
SERICHA TR DAL Z &3 hoTe.

4. INa=vuflongaEnsd EHMPILEZ RO,

U EDFERD G, B T U a=THEOR~OFMIL, EROBHECIZ# LV &
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AFGEIL, BV TN a=T E_—RA L LIEMEZ SR, OO OWTHFZEETT
VY, AERE OfE SIS & SRS - FTERSEIR O IRHEC & OBREIZ W TR, B S L
TOEHE BT L.

HETE, WL LT, FE, U U a=THE, BIEICET A ERIC oW T
fihdv, AR SO E R LTz,

52 BT, EBNAEZ R L, PRIERIEIC X DA TIR, X #REdr, 7~ 20k,
PR, S84 - FIHIREECH EEIC O W TR L.

FIETIE, BUV TV a=THE v ) U AR EEEGRA THRK LAY & R
fiiL7z. 3otV v AFEEHEZ W26, CelZETN gk s Zr ICETET MO 2
FHDSIEAF T 2 HLARELPH N & D Z & DR X MBI CHERR T 7223, 4fio& U o A
Btz W28, S EFAIZ 72 0 BAR TIEE L, Zr i DO a A BEDORINT LW,
SR BETRICHEZE L LZ, L LR, WTIOBRIZBWTE, CeO, IZ
ZrO, ZEANTHZ LT XKD, Ce0r-ZrO, EAEKRER L, HOOBANGE LN, =
i, CeO,IZ Zr AT 5 & 320~350 nm (23 > 7= CeO, /N> FEIERIC L 5Kk
IS AR IR DR, HFOMY T HHEE TR, MY T 2 HmANREA LD
EEZOND. Zr A RIS U THADRENENT D720, ZOROHRDOEADEE
{EIE Ce0y-ZrO, EVAEMR FH OREEZALDIRIE L e D A[REERN H D, B U T UV a =7 %
O EHIE 7= 70 E L U COR ARSI, ZrCe 0, DR TLEE LT Sk %
TRTDHIENTE., EBIL, HEADEEANRED LI BRA D=L LON%E
Bz, FRFEZ, ZrCei O IRATRALMI DRI X U BB DD LWHIFEIAITA 5 2
EHBETE.

FAETIE, BT —vra=7—A v NI TEBWEEEDY v A (D) KW
ZEEHZ W T AR L7232 30l L7, X REHT O R TIE, Zr A &I 1b 5
TR D20 H— DN i Th b8 A RIS 2 RO BEEKRZ R L TW0Wbd L)
IZHRZ DD, T HEEDRERNS, x=0.7, 0.8 IZ DOV TIX x=0~0.5 L tt5% &,
T AR MANRKEL R, EFROEAEARRESE 2RO BERE R L
TWD EBX LN, Zr A EDPHETICONE T A XIS <2508, BERIRE D
600°CClX, Zr G H BNV WFAK T Zr B+ BEEE T —H 0N RS E ORE THIET
HIEMEBZLN. BV T UV a=T LREEOKFIAT, x=03~0.7 T bEVHED
DFRENPIF LI, HHTEEEORmWVERE LTRHIATEZ 2 MEERH DL EE LN
5.

BSETIX, BV 7YV a=7 v ) TICBEBAEAT L Z LICL D, R,
WE CORGORDOIEEOEHT DM OERK L FHEi 21T > 7.

Fell8kz A L7z Ce0r-ZrO; EIARTIE, 900°CEVLHE S 7=iEHI B W T, Zr &
DEACIZHIE L, RN OFE, OGN GE LN, B Y TITEALZGAIZE L T,
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CeO, IZ[EVET D Fe & FeyO3 & L CTHAET 5 2 FHD Fe DIF{ERRENE 2 b, Hh
DAREEIZIR Y N B 72 Fe,0s AR EINZ D7D DY 2 IRME A D Z LR T
7o, ZOWIRIC L - T, BRIZEMD R < BREEIZ & FRIC BN 72 O R R O i ds
EELE L TR Y 7TV a=T7 OWEHORHEMEDN 7.

HeE T, BUT VNI =TT NAET ZEAL, BOAROLO RS, HIE
RE2FFIEIC LD ERL, X#RET, B, 8546 - A oinic X 2 ek 24T
Sfc. XEHT B, SHMEARESE, HOWITIEAFROEAATEEATIEEZ b
DB HIx=07>50.8F TOIAWFFIZ O D BATAERKR L Tz, CeO, D3
REERIZ X 5320 ~350 nmBIXAS AT DR £ THEONT, 45, F OIS A T,
FOMELE L THEOADORANEGELNTZN, &5, TbR—7T25Z L1k, HFO
W DR BLOBIG N B & iz, 2 OfE R, EIAEREE T, BaoRainEsin,
X HIZVNa =T TETbD K—712 X 0 380 nmf T o> al #1 SEE R O B W I3 E T
TIROROBOIZR-T-., —HOEBEKRICL Y AFHOEbE b5 2 LR TE .
EoT, BV T VNV a=TICTAVETENMAASZ EICKY, EEAIHEEEGHIECX 5
ATREMES R S 7.

%7 HmTIL, M~OFHO TR Z BRETT 27280, MEBRAICHTR S TW S RIZE
B L7t —E 2 N L TR e L, Bzl L7z, 12000C~1300C O &R TH %
ET, SOICHCEENDERA R ERUN LN T EDRBERINDL 2D, b
ZENLWEEZ OND. B T a=T #HWIEST, BaORGANREZ T,
H, ®50IFALEGL, Bz ) 7oV a=TEALESEALEALSERL
7. Lol Bb#at U TITEA LTEGATE, 1230°C TEUWEL T HUTR A5 B 1,
TNAET R T UNa=TICEALESGS, VVa s AOEAEREHETLHZ L
T, BOLEBOE TORANELNT-. Lo, BikEk, T 1reT742 8TV
=TITHEATIIE, BEARICEDZEMPEIFRFTE, 280 & Ofias i o m'E
M B 272D Z LR MFF T S,

U bEDOMZEZE LT, B 7V Va=T mMEtORAICE L, &4 - et iR
2 & D IFRVFFE ORI ATV, AERAE OIS & OBIEZ T~ 2405 ORERITFH
ORI EFHET L Z LIV ARETH Y, BRERDOFEALOE BB A
BETHDHZEER L. B~OFMICE LY, RBROTHEH S0, EHOREM%
RH L7z
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