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Synthesis and optical spectroscopy of Tb**- doped LiGdy(SiO4)s0
phospors

Ji Hwan Cho

Department of Physics
Pukyong National Universty

Abstract

Tb**2doped and undoped LiGds(Si04)0, phosphors were: synthesized
by solid-state reaction' at high temperature in the air, atmosphere. The
formation ‘of single phase LiGdy(Si04)sO, was confirmed by X-ray powder
diffraction analysis.. The emission and  excitation = spectra of
LiGds(Si04)¢0,:Tb>* were obtained under the UV excitation. The difference
in excitation and emission spectra between Tb’ -doped and undoped samples
are discussed in relation with energy transfer between Gd** and Tb’* and
cross relaxation between Th*"ions. We observe the strong emission lines at
380 and 545 nm are attributed to the D3 — "Fgtransition and the D, — "Fg
transition of Tb*" in LiGdy(Si04)60,. We observe different excitation spectra
in the UV region with increasing Tb*"-concentration. The excitation lines of
Gd®* are stronger than those of Tb’" at low Tb’"-concentration in
LiGdy(SiO4)s0,. The changes in relative emission intensity between the
’D; — 'F, transition and the D, — 'F, transition are ascribed to the cross
relaxation between Tb’" ions, especially at high Tb’"-concentration in

LiGds(Si04)s0x.
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g|ge ERE7t ¥, s2tIXE| sEE 7HX|= Eu, Gd, Dy o 3igt=

o|Ct [21].
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H 10 LIEFLHRACY.

(FW : formula weight)

H Gd Si b
Raw X .
material LRE0s G205 P10 Tb,0;
Purity 99.99'% 99.99 % 99:5:% 99.9 %
FW
01 moy T3 1029 163x10°g - 362x10"g 170x 103 g
.1 MOI7
FW
(L0 mol%) 373x102g 162x10°g 362x107g 168x102g
.U mOI7
FW
(10 mol%) 373x10%2g 147x10°g 362x10'g 168x10'g
Mol7o
FW
(15 mol%) 373x102g 139x10°g 362x107g 253x10%g
Mol7o
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B 1o 4t 228 sEEE 2Y0I0] OtAOEZEI E0of O

2IQILl = StMSE A|lRE LZ20|L} =7fL|0f| o} M7|2 Y1 350°C 2
SAIZE Stast & MK Xl W2zt AIZACE O] 2% AIRS EMsjA

— —

ChAl F7| 20 EOf 650°C 2 SAIZH 3jash = CHA| A2 R W2

0

A|ZiC} 181 & CHA| 2a48HA ®7|20] 20| 1100°C 2 10A|ZF stASt

O Z|F LiGds(SiO)sO2Th> 2 HAME SgstRACt. I8 7 of 1o

of

ol AR g F8S LIEHRAL.

o o

%
1
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Raw Material

L1,CO5

| | I |
Gd,0s3 Si0; — TbyO;

| | T |
Mixture & Grinding

350°C — 5h Heat

Calcination & Grinding <«

650 C — 5h Heat

1100'C — 10h Heat

Y

LiGds(Si04)60, : Tb*




32XRD 5 U 07|, wE AMEY 5H

B 70| AFRE X-M 3EEK|= PHILIPS (netheland) A}9)
X'PERT-MPD system Ztk|2 Z=HHQ| 5 ~ 160° (2 Theta) O|C}. O] AL

ot X-MO| EtAE Line Focus 3KW Cu-Ka X-ray Tube RO 2 Theta HiAl

= 20D 25

ro
0x
rn

LiGdg(SiO4)602:Tb3+ 'c'g %FX‘" —E—

1=
10
2
N
sl
T
it
[>
1]
[m
I
1o
o
I
Ajm
0x
mjo

573517| 2|ok0] Xe-arc HIZ

£ 7| g2 Z 3t PTL (photon technology international (U.S.A) & A}

8ottt 07| & ¥E ~HEY S22 AR EN2| 1P glo] 22
oM =3 StRAC 7] AHEYH ZH2 BX FGE LiGds(SiO4)s02Th>
SN E ZMoI0 07 2HEY SEE ME =M 21 HMHU 2 9
o 2HE 18 A= MH 5 B0t @F 5o 7ol =X @A o

Ch. 2|20 Mt PMT AZELRI0| 487 nm 7] AHEZH ZFA| F70-

500 nm EEQ} 545 nm 0{7| AHMEY ZHA| F40-550 nm TE{S E#
oo £ SR HE AHEH ZFY2 HAH FYE LiGdy(Si0)02:Tb*
HBHE 240 WS AMEY S ME SClo) Y1 ML 2 9
of 2HE 278 A7l 2 MH 25 EHOb 2f 8o FY0| =X A o
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Ch. J2(0 & AHEY Y Al o7 THgel 2A Metds HMAsSH|

Q8 LP-WG-295 nm EE{Q} LP-345 nm HEE FAs}0]

A

SotALE
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2 AT0ME DHHE AHETI0] LiGdy(SiO)s0.Th* KN E
ehd 81D g 0|2 Tb** o &= 2+ZF 0.1, 1.0, 10, 15 mol % O|LC}.
2 8 2 X-AM 3|&A AX|E ALREI0] =3B LiGde(Si04)s0,:Th** XRD I
HO|C}. Th** 0|20| =& K|X| e Al=Ze} Tb®* 0o|]20| 01, 1.0, 10, 15
mol% 2 ZZE LiGdy(SiO4)sO0xTh** O] A|EE 26 = 20° ~ 70° FLZH0f| A
E=XSIQCH 2X40|= JADE 5 (Meteral data, inc) Z212S ALE510 &£
ML QICt JCPDF 7tE (# 320557) Of ERE 29t GI{EHg 7|F02 XX}
A 5% X HP| oM XRD 2|E QEA (index) 7 & UK SHIALE
LSk Tb 7t M7b £ K| 242 LiGdy(SiO4)sO, A|22F Gd 0|2 Xt2[0f Tb O]
20| E07Zt LiGdy(SiO4)O2Th** A|22| XRD I{EHE H|mE O H37F A
o| QAL Ol= AIRS| AXFFRZTL Th** 0|20 15 mol% 7HX| ®7t &[of
£ X0 WPt 922 ouigict 121D MO o MUKl wel
(0.1~15 mol%) 7} LiGdo(SiO4)e0, XA 2|0 MER EE ok YHGt
x| e Zo= ol gict

(i)
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;LA__A.,M‘J““ bbbl Ak

w -
Z P LMMM
Tb3+

e it adesfuniom,

15 Mol %

10 Mol %

Intensity (arb.units)

! A o™ 1.0 mol%

Tb3+

0.1 mol%

pure
MJM e HL.MMn,J. /@ T R
! JCPDF(# 320657)
Sini I N
2 30 40 50 60 70
2-Theta

2! 8. LiGdy(SiO4)sO2:Th3* pure, 0.1, 1.0, 10, 15 mol% 2| XRD mjf &.
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20AM Fgotct. 28 9 =

4-2 07| &

UV Y0 A LiGdy(SiOs)s0,Th** 2 Of 7|

ol df

=
o=

Al
fats 1

24
=

Al
(=]

E

mjo

LiGdg(SiO4)602:Tb3+ (10 mol%) Alﬁgl 017|

(Tb** °Ds — 7F¢) O|RULH.
Gd* 276nm 3% 0
I 6 s Tb™ 1.0 mol%
IJ p Adpaet 487 nm
} )
837/2 ’s
B 72
@
5 Gd™ 254nm
o) 6,
s | B,
= }
.5 ss
GC.) L 712
€| Tb” 4f-5d band
B | 242nm g |
Tb* f-f band
L\____L/\VMQ___
B | 1 N 1 "
200 250 300 350 400
Wavelength(nm)

:].EDl 9. LiGdg(SiO4)6OZ:Tb3+ 1.0 mol% gl O:|7| ﬁrﬂlIEES
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a2 9 oA 220 - 270 nm FH0| Th3* O|29| 4f - 5d 9| {2

2

7| BHEDF 2HAF &£|10, 335 - 387 nm YO A 4f - 4f BEHEO| HO|0f <

%
|

A ArdIEEio|
- —T1—a

Fjél' E,_“:l' :].EI__'I_ 254 nm O‘Hki Gd3+ Ol%gl 8S7/2 -

r

°D, 22| ®O0|, 276 nm Of 8S;, — °, XMO| G 314 nm Of 8S;, — °P, 2
of ™Moo o3t mATH 2&E EICh O] AHEROM Gd** 9| 276 X 314
nm 37+ 0 Zeg %= UCh FLEZ-3F 0pE0| Tb* °Ds — 'Fe
Ho| Y LABHE 07| AERQ| Gd** HAE Gd¥ oM Tb* 2o
oje Z2XQl ojHXx| To| Lojds Lnjeict. 17 10 2 Tb* <t
Gd®* Of| 4 X| Z=QEQt LiGdy(SiO)s05Th3* | 487 nm = mES ZL|H
218t 242, 254, 276, 314 nm ©| 0f7| WES LIEFLHQICE 242 nm = Tb3
O|29| 0f7| m7Fo|ny, 254, 276, 314 nm = Gd** 9| 0|229| 0f7| mE

o|c}.
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45 — 4f75d

40 |- . Y Tbs* (f~d band)
8y A
35 _ ]
[ S >
30 |~ I
| 25—
=
&)
[s2]
S
—
N 5D
5 20 :
f
®
=
W elegle £
F|6| = &
15 Q5] = S
10
7F0
1
S :
1
5
O mnd 887/2 —L F

Gd3+ Tb3+
12l 10 LiGde(SiOxeO-Th** O] 487 nm etE mAHS D L|E{2l l0] oL o
7| 242, 254, 276, 314 nm (AtE} SPAFE)O|CE 0]7|M 242 nm & Tb** 0|2

o| of7| m7Ho|mH, 254, 276, 314 nm = Gd** 9| 0|22| o 7| mZO|Ct
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A2 11 2 LiGdy(Si0)s02Tb** (1.0 mol%) A|Z20| CHSI0 276
nm (Gd** 8S;, — 1) 2 07| gt Y2 WE AHEHZ LIEHAH Z{0|C}
314 nm O|A Gd3* 0|29| °P, — 8S;, O| HO|0f| ofst Bt= m3a 7t 2HE
L3, Tb** 0| 22| °D; — F, (J=6, 5, 4, 3, 2) 0|2}, °D, — F, (J=6, 5, 4, 3)
Mo| m=A7t ghar =lch O-ojM B FHQl Th**°D; — ’F, Ho|of 2|3t

SO =M U HA Qolol To¥ D, » TF O[O Ot HF wrt g
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Intensity(arb.units)

Tb* 1.0 mol%
xex= 276 nm

Wavelength(nm)

:].EDI 11. LiGdg(SiO4)602:Tb3+ 1.0 mol% 9' té"% ﬁrﬂll

34
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PR T 0|Re 5= oEHE ZAISHY| f5t0] 01, 10,

10, 15 mol% 2 Tb** 0|28 A7}t A|Z0f sl 7] Y = AmEH

- [}

2 =X S}QCh 17 12 & SEYE 200 - 400 nm YAO|A Th* 0|2
of #&E mZ 487 nm E ZLUHY 3 o7 AHEHO|CH Al Tb*

0|29 5=7} 01, 1.0, 10 mol% Z Z7t=l AL Tb* 0|2 U Gd3* 0|2
o of7| WAt &7t StYULE Tb** 0|22 &&=7t 10 0| 15 mol% 2 &
JtEl 2% Tb* Ol 8l Gd** o|22o d& MZ|7t @35y ZAES Ol
Ch. o|Hd2 #Ofo] &d zg&= LtEIHE= T 0|22 20[ A7t U7
MEo2 T 0|22 sE7I 2 4% UEILE s AZ0 oot Fo
Ch s=7F ol stAME Hof =& 3710 olst W&ol 37t Hrt ¥
& AHO0| O \37t5t7| MEO|Lt 0| Tb** O[2= Ato[e] 2|7t EObK
M O X ZHito[-ojutn-Aet 59| AF FH22 of|HX|7t ABE=
U0| O B2 LIEtLHCE 2213 0f LiGds(SiO4)s02Th* O A Th3* 0|2
o s F7H0| WME Tb’* oF Gd** 0|2 WHEQS| YALE HIE iz

2 LIEFAQICE 220|A Gd3* m3J} 1.0 mol% HEf ZtAs}

rr
o
o]
rr

To** s=7b F7b 3tH Gd** oM Tb** 2o| ofHXx| HE ®E oLzt

To of B47t E7kst0l Aoz G 7 MA B438}7| WEo|ct
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Gd**276nm (@)= = Tb™ 0.1 mol%
| I Gd”314nm | (b)- - - T 1.0mol%
: 6 (€)="=--Tb" 10 mol%
+ [ PJ 3+
o % (d)—— Tb™ 15 mol%
S b 1
i y S,, rem =487 nm
- Gd™"254nm
= 6D o
% b J .
g . ;
§ - Tb” 4f5dband / ™ %
S | |242n¢y! ,/ | E
-.q_)' o LI L
£

200 250 300 350 400
Wavelength(nm)

:l_%! 12. LiGdg(SiO4)6OZITb3+ 9.| 487 nm % E'—l E‘IEo’l_ﬂ' —L,:S—Ebaﬂ O17| ﬁrﬁIEEE]I
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Luminescence Intensity (arb. units)

| Tb* f-d band
10 I 1I5

5
Tb*>* Concentration (mol%)

| (b)

Luminescence Intensity (arb. units)
. . — ]

I ﬁ | Gd™ 4f-4f lines

0 5 10 15
Tb* Concentration (mol%)

12 13. LiGds(SiOns0:Th* OflAf Tb* 0|29 =& Z7to| ma Th* o
Gd®* 0|2 HiE(12l 14)0] HBZAT W3t a & Th* o f- d HHE &I

Y= HS0|d, b = Gd** 29 %Sy, — Py HHE HBYE HBO|C
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2 14 &= Gd3* 0|29 276 nm (857, — °) 2 07| st "=

AHEZO|CE 314 nm FYO|A Gd3* 0|29 P, — 8S,, O 0|0 ot

==

o
i

A7} 2HE ST 400 — 480 nm YO|A Tb* 0|29| D; — 7F,
(J=6, 5 4, 3, 2) 0|2}, 480 - 630 nm FHO|A °Ds — F, J=6, 5, 4, 3)
Molof ozt LAYt A& E|l=0 Tb* &0 a2t °Ds 2 °Ds 2 &CHH

ol & 7|7t 2 Kfo|2 =L O

o o

5= Z7h2 Q% Do e

—

rir

o|Ct.
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I s | @== Tb"01mol%
D "
| %y (b)- - TH"1.0mol%
D, ‘ (©)=+=--Tb" 10 mol%
| il (@——Tb" 15mol%
7 —
i F, 0 D Mex =276 Nm
2t .y
= ®: 1
> . L/ F, D
5[ ed” 2 4
© a !
T s . -
'é‘ - PJ :.- o 7F5 5D
21 el A
21 A AN
- I 2 ]\' i 4 ;
F
3
[
v
A
Il I Il
600 650

Wavelength(nm)

12 14. LiGde(SiOg)s02Th3* 2] 276 nm 2 0f7|3 S Hx AHER

—
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Tb** 0|29 s=7t &E [ = 01, 1.0 mol% HMe F=Z Tb*
0|22| °D; — ’F, (J=6, 5 4, 3, 2) TO[0f| 2ot HA A&l N7|7F <iH
OS2 ZstA HEtHCE O FoM °D; — 'Fe O[O 2lgt 380 nm H&
BTt 71 88 € =+ ULk SHX|gE FItE TbPt 0|29 0| 10, 15
mol% 2 7t g8 FMIYe WE dF 27t 4435t °Dy — R
(=6, 5 4, 3) 2| TO|0f ofgh =M FHo g Z =7t ZotA LIEt
Ck. 3 SO0IA °Dy — Fs FO[0] 23t 545 nm LF0f 2ot & Z&=7t
7t 3A &g &[0 Ut

276 nm = Gd** 2| P, — 57, FRI0| S|l SA0 YA

O To* of MSIHMYMENE S4ELL To¥ 0|20 527 57t w42

5D3 - 7FJ Xl_"0| X|- EO'I 7‘|'—|‘ A|'E|'7(|t ':.'_}E, 5D4 -4 7FJ XJO|E §7|'
St A2 & = UCh-OE-16 o oKXl =EZ mKo|2to] o5t Th**

°D; A Th* °D, W& AN7| Bzt R2lE 4% & £+ Ck 17 16 oM
Gd* & Tb’* o =2 OUHX| ERIE O{7|=E Tb* 0|22 °D; FLIIHX|
HIEIAFMO|2 O|tEICt °D; E9IE EMHAUE Th’ 0|22 FHO| £ CHE
Tb3* 0|20| QO™ °D; — 7F, MO|7} g8Moz AojCt a2{Lt Tb3

SEIF ZO0PMA O|R0| £ CtE Tb* 7h QUCHH °D; - °Ds Off s Edt=
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OLAXIZ Hol A To* 0|22 TFe M Fo 2 SIEA| ha Kl D,
2 o|Ect mEtN SE7H S7HHE D, ¥H0| F7ketn D; £ AAw
C}. &9 7| AHWERHME 7|= ¥ X0| 15 mol% 7} EH 25|
Y ZE7h FHFCL Ol AYOR QA% WE UH YEI Y2 Bt
S 22 LIERAD! O] 32 LiGds(SI0NOTh™ oA AT} LFYES Lt

EfLf= Tb3* 0|29 AMZ2 10 mol% Zt=-Z2de8 & £ Ack a3 15

O] LiGdo(SiO4)s02Th** 276nm Of| M Tb3* 0|29 s& ZT7i0| M2 Gd**

o
ro

of &1 T 0]29|°D; &E A °D, HE HFZ = HIHE )

N

I=

2 LIEFLHRAUCE OZ! 16 2 LiGds(SiOe02:Tb* ©| 276 nm & 07| st

o
>

He 2o DAtolglol olgk W oL ESIS LIERHICE.

==
=
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== Gd3*6p; _; 83, emission
- Tb3+ 5D3 emission
\ J Tb3+ 5D4 emission
| N 1 X 8 . 9
0 5 10 15

Luminescence Intensity (arb. units)

Tb*>* Concentration (mol%)

72l 15 LiGde(Si0a)s02Th3* 276 nm O A Tb3* 0|29| =& Z=7to|| M2

Gd** o|22| wEat Th** 0|229| °D; & W °Ds Y=

0%t
0]d

2t
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Energy(103cm~")

12l 16. LiGdy(SiOe0,Th* O] 276 nm &

off ofsh

—
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40

35

30

N
@)

N
)

—_
(@)

10

i

314nm

A 4

e T

Gd3+

81

SPJ

FERSPENESUE

4f75d

Tb3(f-d band)

E=e = Lo
5D3
\ °Dy
.
.
.
L)
\
L)
\
L)
\
.
\
.
.
.
.
.
.
\
.
7F0
1
2
L a
v :
- TR,

Tb3+

4f'5d

Tb3*(f-d band)

Cross
relaxation

Tb3+

o7[8t W AHERO

Lo
5D,

G RWN—

"— 7Fg

| mpolet

£ 0|4X] =9I 314 nm &= Gd** 0]22| P, — 57, 2| 0|2 Th*

0|22 °Ds— 'F (=54, 3, 2) T0[0|0{ *Ds—'F, (=6, 5, 4, 3) TO|m| 2 0|LC}.
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a3 17 2 Gd3** 0]29| 314 nm (3S;, — °P) 2 0}7|3t s
4E AHEHO|CH o] Zake 18 14 o Gd** 276 nm (857, — °P) =

ket Aol SYetE € 4 Atk 2 18 0f LiGds(SiO4)sO2Thb>

=0

2
N
o
!

314 nm Of|A Tb** 0O|22| & F7I0] & Th* 0|22| °D; = W °Dy

Y= dEZk BetE dZ2 LEFLRACE
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Wavelength(nm)

72 17. LiGds(SiOg)s0-Th3* 2| 314 nm & 0f7|3t S &
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3 . .
o™ 5D3 emission

\D

5

10

Tb** Concentration (mol%)

15

]

L]

3 . .
o> °D , emission

g @
2
Zl O
=}
sl
[
5
!
=
(2]}
B |
s U
s
E—
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o.
c
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o_
(%)
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E
El
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1
0
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arg
1
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5
Tb* Concentratio

10
n (mol%)

15

72l 18 LiGde(Si0a)s02Th?* 314 nm O A Tb3* 0|29| =& Z=7jo|| M2

Tb’* o|29| °D; & 3 °D, Y& HFZ
D, WE HFZE oLk
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2 GTOIME DAYS OI8O LGA(SION0; Of To* 0|22
LYHE MR HFHE T ST XRD E SYoE ZHAS o

=

SID BTN SHS AL Yotol 07 AHED U WE ATERS

X-M 3™ & Zit2-LiGdy(SiOneO, A| 22| JCPDF ZtE (# 320557)
of 2102 Ij&E H|n SIFCE s XRD - 44t Th* o] 5% (0.1, 1.0, 10,
15 mol%) Hi3to| = XRD IHEQ| H3t7F QI A|E= 15 mol% =Z7THK|
LGdySiO)e0y; RS QAT & £ QIOILC} LiGdy(SiO)02Th* 2| UV &N
200 - 400 nm Of| M Tb** O]:20f| O[5t 487 nm o Hi= THES DL SHEHA]
of7| AHMEHS £ SIYUCE 1 Z3H 220 - 300 nm FH0|M Tb* 0|29
4f - 5d o €& 7| HHETF 2H& TR, 335 - 387 nm PO A 4f - 4f
Bieo| HMolof ofgt M AHEMO| 2R E|QICE O2[1 Gd** 0|22 254 nm
8S;,— ®D; 29| M™O0|, 276 nm 0| 8S;, — o, MO| Yl 314 nm O 8S;, — P, 29|
dolof efgt of7| mA7t 2 RACE

LiGd(Si0x)s05Th** OflA{ Gd* 0|29| 276, 314 nm T}ES 07| 3}0|
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300 - 650 nm FHo| HF AHMEZYS 58 St 0 Y5 AHMEHM =
Tb** 0] 22| *D; — 7F, O] (=6, 5,4, 3, 2) & *Ds— 'F, 0| (=6, 5 4, 3) 7} 2
& g|QICh da| 1 276 nm DHENS Of 7|8t dhs ATEA0|AM Gd* 0|29 314

nm TFEQ| °Py — 57, O HO|0f| Ofpt WE mA7F BHE L|ACE G 0|22

—

o{L}7| m=o|ct.

MHMOZ ML=l =K@l Th* 0|22 =27t 01, 1.0, 10 mol% 2
B7tEl 4% Tb* 0|2 8 Gd** 0|22| of7| mAV} MHHLZ FIt StRA2LE
Tb* 0|229| =7} 10 Of|Af 15 mol% 2 Z7t=l AEHO|A Tb* 0| U Gd**

0]22| 07| m3+& 10 mol% 67| m|3 HEt 23(2f gasts ERALt Of

Pt
rlo

Skt Bt ZE sk 2ad0 oot ofHX|el A AFO| HE M7[2

ol

7t BOp o 2 g¥2 071 WZ0ICk T 0|2e] 527t 7t & =+

=

Ju

°D; — K HOl= HA EOS7LE Al2kX|E 8, °Dy — 7F HOl= S71hE

A

Ag & 7 ULk Ol= °Ds — °Dy ERIZ2| WAL0|2E HY0f 25t Ao|Ct

=
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