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(12) 3NESFR(A) (43) AL 20199128102
(561) FAES =7 (Int. Cl.) (71) &¢4<¢
CO9K 11/77 (2006.01) BOLJ 6/00 (2006.01) AE g EE
B82Y 20/00 (2017.01) B82Y 40/00 (2017.01) HeEWA FAT SER 209 (A%, AET s
(52) CPCE3|2H al)
CO9K 11/7766 (2013.01) (72) &g}
BO1J 6/001 (2013.01) w4
(21) =9l 10-2018-0061549 ANESEWRA g dFR 107, 212% 3035 ()%
(22) =LA 20181 305¥30 5, du2xtolatE)
AARE LA 201805930 4= 37 AT
AEEHA AT FHFE174 14-10(FA8)
sEs
MEE-A vhE G B3 4, 1015 3053(
A, s A olatE)
(74) dgd
E3g g oo A
AA A4+ ¢ F 5 F

(54) el 43 FHEA 7H B34,

ol AxH,

9 o]o] UF 54

(57) 8 °F

SR e
olc,

o F & - =1

71 SEA 7 FdAe] Az
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gy, =

s

71 HEA 7P Ao 2 S a3 A

MlZ| (a. u.)

I 10 IR 0RO O Y M v
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| Bragg position
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(52) CPCES|EF
B82Y 20/00 (2013.01)
B82Y 40/00 (2013.01)

o] WS AU H7HATINEAY
HALFHE 1415153057

T2 A AR

AT HE7| S gharol U x| 7] <4 71

ATFAA oA A= F g4

AT A [ 7] -RCMST] Y= B34 A 70 8jS37]s 15 EY (3AdE)
71 o & 1/1

T AEoen e Ea

ATF7I7E 2017.07.01 ~ 2018.04.30
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7 A A
FrHY
A7 1
st7] slsha] 124 BAEE, gEA 7 Z3A:
[3}3h2] 1]
3+
Li7L337XZI'2012:XLn )
e EE TR CR)
Ln& Ce, Tb, Dy, Sm, Ho, Pr, Er, =& Yb o]z,

0<x<0.5 9.

AT 2
A1 &l QJojA,

71 HEA 7P Al A 7 A RS 2t AR, ZHEA 7R FEA.

o

A% 3
A 1 goll 9lo]A,

47 AEA Y BHAE B, A, Ex A wY

. . ==

B
b
(<0

= AR, GEA 7P F3A .

i

AT 4
4 (solid-state reaction method)S ©]&3F, dl7] 33 124 ZAIHE 2 FA4 7F0 dFA9 Alx Wi

a5141

—

Li 7L337XZI'2012 . XLI’I3+ )

47 884 1ol gleiAl,

Ln& Ce, Tb, Dy, Sm, Ho, Pr, Er, =% Yb o]z,

%o AbshE B g@akeds 9 Ce, Th, Dy, S,

s
=}
WA 1,000C €% 9ol A afxsta; 2

7

fr
il
H

= C
7] sk S 1,000T A 2,000Ce] 2= WA ojdiate] 2EA 71 FJAE 53
7
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25 7H GgA e Al

BN
o
i

gige] 41y

n FA 7H (garnet) FBA (phosphor), 471 PEA 719 FBA Az W, 2 4] AEA 4
YA ) W 54 B ol

L/ B
3 tolS ==, AAME (electroluminescence)s €3] H7|& How W] 9Jste] +=Haf vlolojx 3
oA ZEstes AAlE pn A vele=oltt. 1 F, GaP LEDE HxE#o] oA gl o] &Ho] gttt

1996 d, Nichia Chemical Co. = 4 B#A Y,ALOL:Ce (YAG:Ce)® ZEE InGaN HA LED A< Ag3o]
Hxo Ade WA [ED 2AE Az, A7) YAG:Ce A= WEE dRo] JAFS Zsle] LS
AAstaL, 7] FAFE T2 NG Addsie] MAFS AT

WAl Wk rho] @ = (white light emission diode, WLED)E 2pAIt) @ Axt=Z A, Zg wds 9 JPJ=wrl 4o
M dEo] Aon], He WAES, WHE, WE SR SE 5 4do] den, o we wds 9 gR5o

AEZA 9 o]&¥3 Q).

FYA-AS WA 0 o] QE(pe-WED)E, W A AR, nEE, 71 5, % 84 AdY ge 95w
Eqom Q8 AAW 1A FAom FE wam ek 7] pe-lLED] A5 FYAl o)) YHuE WG
o EQ A dFs, DelAelE, BFUE, dTu HelAolE, AsE, L Biy Fo] FYA W

A (host)Z AM&-E 1 Q).

A kg el e = AlFtels Ve AA 7 A e FEE k. 3 dA O, A4, 34
g g to] @ =E ARRSte] WA MFAE AlFets ZlEolth. 7] A WA UHem Azt Ay
g tele = w98 AMAF(color rendering index: CRI) % S5AS 7HA= wbd, A% n]go]
@o] 5 7Z47be] LEDE wE FEdol st 71EAQ Al Wil o8 v|4E 55 Wl Ao ALE
wan gtk S oRA e, dA Festd vlERA A 3 toles 3 o @4 dFAE =xskE v
ole] Alz=®l(binary system)& ©]-&ato] WA whgiats Alzets 7)ot violyE] Al=gle wlg- §-48
F EAE MAE WA 3 gl nE 7hE xR vhe £ glo] AlFuge] A Eri Axe] i ki
of, A4 goje] dF 54 FFHoz s AN AF(RD7F e DS /A Yt

gige] g
S dst = HA

e, dEA A GYA, 7 AEA A YAl A= W, 2 g7 dEA A 2gAe) By 54
& Agstag o,

Je, Bele] AldatnA skt HAE ol delA Afd FHAZ ARHA ovl, AFHA e ® O A
5o oo AZRE F4el NS G oled

79 HE e
v A1 59, 8] gekA 124 #AEE, dEA 7 g3AE Al

Li 7L337XZI'2012 : XLH3Jr )
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71 38R 160 el A,
Lne Ce, Th, Dy, Sm, Ho, Pr, Er, =+ Yb o]

0<x<0.5 9.

BAe A 2 =He, 1AH(solid-state reaction method)S ©]-&3F, 3&l7] 332 124 EAIHE g FA4 714
FgA o] Az WHE AlFE):
[shet] 1]

Li 7L837XZI‘2012 . XLl’l3+ )
471 3kekA] 1ol lofAl,
Ln& Ce, Th, Dy, Sm, Ho, Pr, Er, =& Yb o]z,

0<x<0.5 9.

grgol g
BAo FHOE a2, 1AW (solid-state reaction method)g ©]-&3}o] Li7La3,XZr20121an (Ln=Ce =¥
Th) A EAEE, AF7HA BiEA] g2 Alqtgk dA-ug to]lo=g gEA 71U dJAE AxT 5

wgle] THAEN B AFA A IBAL, w=RHE NEF G5 olee] B wet 2% 34, 54
£ oEAg wgstel WA Aosk Absde, nYE, WAEE, R WHAE FO 54 D

thol o= Tutelzo] S48 & St

L B9 A Andel A, LidaZr0. #FH Rietveld ol (54 24), AMH HolH
(A4 AA), 9 ol meukel (A A4)S e Aol

oo o AAe]e] loIA, LisLasZr:Op xCe  (0<x<0.10) FFAe XRD &S Lyepdl Ao|t),

K

Do
rr
i
P

wolo] o Aol QolA, 466 mmol A EUEHE LilasZrOniaCe (0.02<x<0.10) @A o

= 4=, 2ol o Aade] glolA, 260 meld ZUEEE LiLasZrOpiaCe (0.02<x<0.10) @FAe] 1t
F 29 EHS YeRd Aot

= 5, Bgle] o AAlde] 9104, LiLayZrOu:xTh (0.02<x<0.10) FF4°] XRD e LJehd Hold},
© 6, 249 o Axdd] oA, 545 molA EUEHE Lilas,Zr0nixTb (0.02<x<0.10) FZAe] o7

% 79 (a) ¥, B9 I AN QoA Liday,Zr0mixb  (0.02<x<0.10) FFA|e] w4 AAede 1}

Bl AolH, % 79 (b, ®99 o Aol ol Dy — Fe 2 D, — F; Holol o3 @3 A71E e

E 8L, Bl A HAld oA, x7t 742 0.02 (@), 0.04 (W), 0.06 (&), 0.08 (A), L 0.10 (V) &
0 LiLasZrOnu:xTh (0.02<x<0.10) @& <] CIE FEZ vehdl 2o},

Wy A7 Hek A g
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ool M HPg =9 =
AwS 2ol AN E PA AP,
Aweh e FgEA ¢

o AEFsigom, WA AAS Balol AR Fiol daAE HAE B YEE B

2 gAA Aol A, "&FA(phosphor)"& Thet e oUAE FFste] o AA B JHAE /e
oL =] =|o]o 4°H TINFA Y qUAE THe=s BEAS oustes Ao zA, AUkl FUE FFA = A
o} AAda Yo QW DA A (activator) 2 FAEHY, A7) A= TG Ao FAsE U EYS
Aoy Ay *ﬂ“% ARt S s,

B wAA AA A, "ZFl GtZ(garnet structure)"v GHFH O Z XuY,7501,9 FRACEA FAEH Y= F

onjdl= Ao zA o7iA XE AAolwA] Ag](dodecahedral site), Y& AZWA A (octahedral
te), 2= AAPAA A (tetrahedral site)o]t}.

20w
it

wel AN AAA, o) Wio] ThE HE¥ “a” sof drkm ¥ W, o= “ARHow A7 Hof 9
AR ohle, o Fe dE A4S Aol Fu ‘ar]dom A7 Hel gt 9w mFw,
wel WA AANA, of| HalZh thE Rl “ael” SIXaa girka @ w, ol ol ¥At thE F Al
Hal Qe AR ohet F Rl Alelo] & e RAlt EAse 9% wFw
wel WA AAGA, ol Hie] ofm T4 aAT X @i @ u, ol S wHE A7 ¢
S oE P4 2as Adss ol ohle b P4 aa® o 2FY & b AL e, B gA
A AANA AgHE JE gof of | “ddAom’ B ARd v LA Az L B HE07
FAAE W 2 SR B T SR 2E el Agun, Beel oaE 7] 8 AeiAu Ay
Ml A7} Qi A WEL MFAAA P4t B olgse AL AR e AgET. B
A AN AGHE A Fol ~(3h) WAT EE ~o WA & - 2 A% A" 2 oulay
o
Bl AN AN, kAl BAe) Ede] EE Colmel AFH(E) o ol whA @ajel wel 714
A 4 R2ER ool TolA Aus: shl olbe EF EE 2@ elmsh: domA, 37 T4 fi
=

ool oA AEEE sh} ol4e Tl AL elma).

e
o,
of.

A AN A, A BY/EE BT o] V)AlE A E= B, e A B BT S vt

ofsh, WrH mWe Fxste] Lol FA B AT A APTh e, Lol ol THe
]

LiLasZrOp: Lo’ ;

7] 8lsha] 1 QlofA,
Ln< Ce, Th, Dy, Sm, Ho, Pr, Er, ¥+ Yb o]

0<x<0.5 9.

wqe) @ TRl QolAl, 4] 2AEA A AL GPEA A A9 TEE 2= 4D & Atk
29 o FEA gold, 7] AT FrRE DRAOR XV20,.8 FERHORA TAH] Y FEE o]

e Ao gA] [of7]14, XE AolHA| x(dodecahedral site), Y& AZHA 2 (octahedral site), 7=
AP A A (tetrahedral site)d], ol& 91, LidagZr0p 7F 7+2& E¥st= Ad F 2

F
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3+ 3+ 3+ 3+ 3+ _ _
Sm, Ho , Pr', Er', = Yb %9 ZFo| w}, 71z} 34 A k= =003 wgst 4 glon o]E9)
zgoz WMAZs FE 5 o,

We GEA Y AgAE, 1Y 4R, 1
Eelolg FYAZA AFeA A8 5 Atk

BAe A 2 &=HE, 1AH(solid-state reaction method)S ©]-&3F, &l7] 332 124 EAIHE g FA4 714
g Az WHS AFdc):

(89t4) 1]
3t
Li7La37XZr20121XLn )
471 3kekA] 1ol 9lofAl,
Ln< Ce, Tb, Dy, Sm, Ho, Pr, Er, & Yb ©]aL

0<x<0.5 9.

W) Al 2 Svel mE eEA Y BYAe] Az Phel tistel, Lol Al 1 FW} FREE PEE Y
e AT AR Aerstglond, 1 dwel AFHueE Bael Al 1 S¥el JAE g B A 2
Zuio] BAstA HgE 5 At

e o Fadel delA, A7 g, Li, La, Zr, 3
= wabd; 2 Ce, Tb, Dy, Sm, Ho, Pr, Er, ¥ Yb 59| 4H8% Ei= e Eate] o 100
2

C WA ok 1,000C8 &% WA sasti B A7) sta® BRE ok 1,000C WA o 2,000 &%
AN olduatel PEA MU FFAE $5sE AL T AL 5 Ao, ool AFHA & &
sie,

wele] o FAelel golA, ) wAge, AP Az W F b mag wHoRA, 4] aaye o
af 271 2EA 7 FFAE da, dAHeR W gakd ? ok, o AGdHA & =

wele] A FAeol golA, 27 sadts WAL F718% L BERS AZE) 98 FAHE AL £ 3
o, A7) st oF 100C 1H7<] °F 1,000C9] 2% Welell s Ad 5 912‘%, olel AT e
I~

F du. dE 5o, A7) skat oF 100C WA < 1,000C, <F 1007
T, °F 100C WA oF 400°C, ¢ 100C WA <k 200C, °F 200C WA oF 1,000(:, 9% 200°C WA <k 800T
ok 200C WA ¢k 600C, <F 2000C WA 2k 4007, °F 400°C WA °F 1,000, °F 400°C WA ok 800C, °F
400°C W= 9k 600C, °F 600C WA 2F 1,000, ¢ 600C WA <k 800TC, °F 800°C W= ¢k 1,000T, =
oF 500°C WA °F 700°C, ¢k 100T WA ¢k 8007, °F 100°C WX ¢ 800T, °F 100°C WX ¢k 800Te &%=
Heol A == AL = o), ol ATHA s 5 ATt

2919 9 FAS] QoM 7] SHaE T $A(Tlw) FE 595
ek, % o, A7) sad ¥ a%el §A7 AEE A

S
@)
=
R
©
10
o0
S
S
O
o
2,
—
S
S
a
=
R
2
o
S
S

) A oA, 7] $AE o9y eEnd e §HS L Y FUY S gov, WeE
dol A9 GBS PSR AL F Aok, ol AWHA @ F Utk

wgle] o FRdel glojA, Y] SAE dE Bol, dde F&, e Eas, £t g2 H3EY 5 9
ovf, A Fol, Li00d = dovt, ol AwHA @ 5 Ak

wgel 4 FAA gdold, 7] FAR Astel AR Lwk obd & glom, o met FA 4y v
g0l Aashs AY & gdout, ol AWHA 24 & U

ol o FEdel QlolAl, 7] ofd®2 °F 1,000T WA ¢F 2,000C9 &% A Fah== AA + 3
o, olo AFEA B = 9 ds 5o, 47l od® 2L=7F oF 2,000CE Z¥ehe Aol Sl
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HeA, 47 o9y Lwrh o

o 1,000C wwtd A AP 2 FRE JHE  denR AU ofdy e
¢k 1,000C WA ¢k 2,000Ce 2% WA F3h5=

Zlo] whEA st

o A TRl jleiM, F7] ol d®2 oF 1,000C WA °F 2,000C, °F 1,000 WA °F 1,800T, oF
1,000 WA <k 1,600C, <F 1,000C W= oF 1,400C, °F 1,000C WA < 1,200C, °F 1,200C WA <k
2,000C, °F 1,200 WA ¢ 1,800°C, <k 1,200 WA ¢k 1,600, <F 1,200C A oF 1,400, ¢ 1,400C
W= ek 2,000C, °F 1,400C W= <F 1,800C, °F 1,400TC W= <F 1,600C, °F 1,600C W= °F 2,000T, <F
1,600°C WA 2F 1,800, F 1,800°C WA ¢F 2,000, T F 1,500C WA ¢ 1,700TC 9] =% HedlAM
= AL F oy, o AFHA ¥& F AUk

v o el glejM, 7] odBE 2 AR
B Azl Eold 4 o, ol ATHA e

Ao A Fddel deiA, 7] A 7P @FA= 7] oldBe 8 AWAA 24 7xE ge A

E 1=
i = "
T dor, ofol AFHA &S 5 Ut

oleh, wele] WAl Bale] X WS ©s AAA Ayetuzt sht, svlel AxdE B olsE F7]
Astel At A A, Belol Weol 3] AAde] HHE R ok,

[EA4]
254 7 AFA S A=

LidarZrOzixln (0<x<0.10, Ln = Ce' i Th) @A ndyd 34e o Azxstgich. 47 F4olA
AbgE 9 Bde Sy o) La0s (High Purity Chemical, 99.99%), ZrO(NO3), (High Purity Chemical,
98%), Li,C0; (High Purity Chemical, 99%), Ce0; (High Purity Chemical, 99.99%), % Tbs0; (High Purity
Chemical, 99%).

WA, Lis0s, La0s, ZrOMNOy)z, CeOz, B Thi0-2 FFste], 7] e 28¢5 opAlE (5 ml)d E3HakaL
A7) EFES Aol REEEE ARgEle] 30 B B¢k wAsA ST, FEHHE ojd® F4 $¢ Lio

o] £4% BEsy] 8, I Li0(10 $FH%)S & Z4d HAsedn. 2 5, Ay £y Eus o

Z
(3

Xngowszb3+ (0=<x<0.10) #3FA 2 AF, &4 EES 39 E97] (5% Hy, + 95% Ny)ollA 980TCA 5 A|7F &
ot o dH s},

AEA 7 WALl B4 84

g7 AzE AEA D FBAe] A4 TEE Cu Ka A (a=1.5406A)2 o]ad X~ FHAEAI] (XRD:

AL |
Rigaku RINT2000, Japan)E A}M&3to] %ﬁﬂ‘ﬁq. A7) ¥3A 9] PL (photoluminescence; W) AANEHS
Xﬂi Al F2E 23 g3 547] (FS-2, Scinco Co., Korea)& AMg3le] #5310, RE W33 ~dEH

53
sk o] Azxd FFAE AMESte] dolon sdsk 23 3t 7IEsIYE. CIE AXME AME-3he]
i‘% g ~dE-d o ZHE CIE (Commission Internationale de 1' Eclairage) M= #HE (x, y)& AAXS

w3k CIE #XE (x, y) Ho)HZ Al&3le] A3 M2% (correlated color temperate; CCT)&F A =%

A=) rlo

2A EFZA Lilas Zr0,9 A&
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B AAGOA, LiladZr0ps $2E ZA2A A9 Ce = Th 7b 229 LilaZr0, 3339 T2

2 PL 542 AT,

Al 1: LiLayZr0n:aCe (0<x<0.10) %A

LillaZr0, o A4 Fx2& syl 98 3= I HE T THo2HE F53300.  237] LidagZrOp

of gk JCPDS HolHE AREE 4 IO TR, LilayZrOpixCe @FA] XRD WS Fg FHo Hiw
Li-LasZr,05¢) XRD sHE 3} ¥ w33t LiLasZrOp:xCe 37 <) XRD HEe, Za) B9 LiLaZr0p2 XRD

ARzt AASFAGCE 1. #A4 dv @ PR shEE A7 1% E 2 Lokstad. A Lidas
Zr0niaCe . (0£x<0.10) FFA= A4 A4 T2 2 [dacd B3 18 2r=th, Ay =AES) pad

olwd BeE vAw BRHA gt A7) LilanZrOpiaCe (0<x<0.10) @&A XRD AL = 20 1}
BTt

* 1
sletE LizLasZr2012
A" 3= Tetragonal
27t 18 T41acd
X} A2 a=b=13.12 A, c=1267A
o= =90°7y=120°
Ry (%) 16.7
Resp (%) 301
Rup (%) 18.1
i 36
X2
Atom Site x i z B, Occupancy
Lal 8b 0 0.25 0.125 0.359 0.989
La2 16e 0.127 0 0.25 0.308 2.011
Zr l6c 0 0 0 0.511 2.000
Lil 8a 0 0.25 0.375 0.903 0.565
Li2 l6f -1.915 10.878 0.125 0.022 3.966
Li3 32g 0.084 0.096 0.827 0.013 3.966
0l 32¢g -0.029 0.063 0.144 0.005 4.402
02 32¢g 0.054 0.855 0.537 0.007 5.168
03 32g 0.139 0.036 0.427 15.974 3.996
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466 nmoﬂ/ﬂ EL]E']%I%]_ /\01'7] Li7L337XZI‘2012:XC€ (0 02=<x=0. 10) SﬂJ/]'zﬂ-/] 0:17] i‘—iEEé% = Boﬂ L}‘E}‘lﬁ(}iq
7] o7] ~HERL 260 i D 415 mol A F AL W gge melFm b, Y] MESS (e o] L9
af' Chy) = 4f'5d (Do 2 Dyp) Aol miFolth. 415 molAe] We W= A gD e @y

Axste], webd] A7) LilaZrOpixCe @FAZ 94 LEDS] B4 LED Hell A48 5 92 vehi,

260 nm &17] BFell A FEE 7] LiLagZrOuiaCe  (0.02<x<0.10) @Fx)e] w3 2o =89 % 4o LpEhY

k. 7] wa ~EEae 54 o)) AuelA 4f 712 FE (R 2 Frp) 29 Ce o] Aol wiolm

—
427 nm % 466 moll TAE F S v FHE Hela gl

AN 2: LiLayZr0u:xTh (0<x<0,10) HFA

A7) LilasZrOpixTh (0<x<0.10) FFAe] A4 722 287 98], = 501 vebdl ule} 2 XRD el

A}, A7) LiLasZr0p xIb (0<x<0.10) &3Ae] XRD &L LiLazr.0p0 tha) Bad sjels)
2 dAegon, A 29 Idacd 33 I1Es 7HE deE ¥ Utk E3FHA @2 LilagZrOrp
ok, Th o]&o] 3% 7] LiLayZrlp (0.02<x<0.10) &3ZA| Alojo] & Aole= AHHA Fgon], o|A
o 7] B3 Th o]0] LilaZr0p0 A% Txo| JS vAA e oju]e},

545 ol ZUEFE, 7] LiLanZrOw b (0.02<x<0.10) @FAe] o7] ~HELS = 6o ey,
262 nm 2 298 mmol A #EE M= T o]eo] 4f° — 4f'5d HMololA FAE W sg P AW 2A 7o
o 71918k, 355 mm, 373 nm, 380 nm 2 489 mmolA WRE oFg WA 77 Th oo Fy — Dy, Fs —
Lo, Fs — Dy @ Ty — D, do] wjFolu], o]z 47| b o9 4f-4f 2% Ho|(forbidden transitio
ol AFFTH. 262 mol A WRE T FEE A7) Th BRI} 6 molw7hH E7Vee] wlel Eheka, 1 ol
el b FEAME gk

= 7(a)e] YERA vkl o], A7) LiLagZrOw xTh (0.02<x<0.10) FFA|e] w3} ~:ES 383 nn, 417
nm, 438 om, 2 470 mm 1A 4 Ao WAE YEon olAe 27t b o]&e Dy, — Fy Dy — Fs, Dy —
By, 2Dy - Fy Aol wjEolty, Ed}, 488 nm, 545 nm, 592 nm L 662 o] 3= 247 Th o D, — Fs,
Dy = Fao Dy~ B 2D — By Aolel Akt 1 F, 545 mnol e 71g 24E 93 (D, — FoE
w=A o] sg@th. Th oo ¥EIh 2 molkelA 10 mol%® FAStel wek, Dy — Ty dolel ola) o}

5 7
oo A va faskAw, Dy — F oAdelel os ofylE e A= Ak o]k (cross

._‘
@
)
>
)
=
o
=
Z
£
o
fu
rO
:Og‘
o|\
N
=
ol
QoL
38
)
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