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SITE-SELECTIVE LASER-EXCITATION SPECTROSCOPY
OF Gd0zEu™ THIN FILMS

Kyoung Hyuk Jang

Graduate School of Education
Pukyong National University

Abstract

Luminescence properties of GdOs:Eu' thin films are investigated by site-selective
laser-excitation spectroscopy in the temperature region 20 - 300K. The films were
grown by pulsed laser deposition method on AlO;(0001) substrates with different
substrate temperatures and oxygen pressures. Two different crystalline structures of
Gd:O;, cubic and monoclinic phases, are identified in the excitation spectra of the 'F
— Do transition of Eu’. The emission spectra of the "Dy —*F, J=1, 2, ..., 95
transitions from individual Eu’ centers were obtained by tuning the laser to
resonance with each excitation line. The excitation line at 580.92 nm corresponds to
the line from Eu’™ with C, site symmetry of cubic phase Gd,O;. The excitation lines
at 578.49 , 582.34 and 582.52 nm are attributed to Eu’" at three different sites with
Cs symmetries of monoclinic phase Gd;Os;. The ratio of peak height of the 'F, —
°Do transition of cubic phase to that of the monoclinic phase depends on deposition
condition, oxygen pressure and substrate temperature. The results are discussed in

comparison with XRD patterns.
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Foh e Aol 714 A olslA Za FAE A
Ak $714 AEE faks A% o e otd JFES A
ool Fe% A2 HEF ool duiyel 9t AREHAA 94
g £f% W ZdselAE APF T Aol olF 5 4
RELS 4 H5PF WM Sdsh 2o W $U14 SEREe 1
& g Heth ol WM YR Wg 4f Fo A FAH
AW 4f—4f Wol HolE HFxojzl 4f—5d WolZHE ok7hol
dolBEL HEHTI

) Jakell gk oA F e thsdal 9 Ho

J =0 #9 2oIM Fo o Do & HEEH Ho o agoz
Fo— "Dy do] & F 2dAEHA 29 7} 2 TAE B9
Apole FE omgitt ML 95 AT st AdEY 9o
oAl 2 shssith [0 9 F) 9 D) 295 2 RaEy 2y
d 24 FH4E Aol T3S stk g s"HE” BAo)
stk | = 1 9% cubic 2AHFANAN £ oy 35 =
= # A"} hexagonal, trigonal £+ tetragonal 2 A &ol Al 274
T2 21" orthorhombic, monoclinic ¥+ trigonal® 2 4%
AX ZE AR FHE AA} 37 FHo Ak o] &
ZH ot orthorhombic Bt v & A S tisle] =& 244
w7t oju]l AAEAY. 2Ho2 ARG R #EEA e A
oltk 2500 ~ 40000 cm ' GHelA g& +o 24 95

sojAly iR fEE A=A "olrp MElEd 9 sl

171 el AAe] ~HAEG e A& Fo]
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= e 9o sbsath ol A 19694
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A Eut olee FFaHEYAA GHE Uk Aolme] BEL B

Gstis gAs o MAsol A ol RS wE Musw
g Jzz ¥ B SFaMERAA AR FidE Aol
; e s

Fy — Dy, Fo — D1, Fo — Dy, Fo — Dy 2

th A718 32 dolel Fy — Dy & ALI o] BE ol

[‘

T = 147]5411} Aol ot} FulfjalAs AHEZGA o ¥ +=

jQr
il
o5& Dy — 'Fy, D1 — Fy (£E Dy — Fi ), "Dy — Fa 9}
ot
)

"-)Do — TRy (=% "Dy Fe o @A w)elth, 2 Hxte FF
e glo]A FolF FHolth Fy — Dy Hole AL 2
B s wEeLE g o] Holo Qloja] wrek 3749 At #
A5 2 HE orthorhombic, monoclinic ¥ triclinicolth. +
Mol 93y 2 Aol hexagonal, trigonal =+ tetragonald &
23R
37 HERE A5 o A abu) A
K L M N O P
1s|2s 2p|3s 3p 3d|4s 4p 4d 41 55§5p 5d bHf | 6s
57 La |2]2 6|2 6 10]2 6 10 |2 6 1 2
530 Ce [2]2 6|2 6 10|2 6 10 2|2 6 2
59 Pro[2]2 6|2 6 10/2 6 10 3|2 6 2
60| Nd [2]2 6|2 6 10[2 6 10 4]2 & 2
61 Pm [2]2 6|2 6 10[2 6 10 5[2 6 2
62l sm 2|2 6|2 6 10[2 6 10 6|2 6 2
212 6|2 & o 6 10 7|2 6 2

641 Gd [2]2 6|2 6 10[2 6 10 7|2 6 1
65, Tb [2]2 6]2 6 10/2 6 10 9]2 6 |
66| Dy [2]2 6|2 6 10/2 6 10 10|2 6
57| 1o [2]2 6|2 6 102 5 10 1|2 6
68| Er [2}2 6|2 6 102 6 10 122 6
69 Tmj2j2 612 6 1012 6 10 1312 6
70/ Yb [2]2 6/2 6 10}2 6 10 1412 6
710 Lu [2]2 6]2 6 10]2 6 10 14]2 6 1

I S CH S ST S SN
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2.3 Gd203Eu”' A A

2o oy *oqél, =z 223 Hzl §].§L34 )\47531' 7] A H;ﬂ_ )&} &
dd o2 BT =dE FAste dAY FRe sgdd T

Asf itk wpeba sl sfeolu} olE Ao MRS Fua=d Q)
ofM AA Tz g 243} o]}t A ojof T} 16)

GdxO3; AA 2 cubic, monoclinic 27FA1 9] 2H 22 7};‘]‘4 Gd:03 =
4 1200 - 1300 T oAM= cubic A4S 7HAW, H#L [a3 ot} & ¢
F2 2% 1400 T o]&elA = monoclinic A& 7]'?4”4 C2/m Hg 7t
X ep 17

AW 02 Gd:OsEWY o A% Y.0:Eu” & 2 AA T2 AlolE
S 7HHg gk Y 9F Gd ¢ wrAAo)7b Atk Coordination number 7}
6 ¥ Ae Zzte A= Eu’ (1.087 A). Gd* (1078 A). Y (1.04 A) o

th Gd:OyEu’ ol A Eu’ o] Gd¥ 9] Alglel Soj7bAl =W, Y.05FEu0 ol
A Eu” 7b YV Aalel Bojrti: A »Y distortion ©] =t e 2 o1
¥ 3 7} 2ol GdOsEu” & cubic ¥ A C WA, S5 A9 27px =2
7F#) i1, monoclinic Gd:OsEu” 9 Cs thA 9] 374212 7pxt?
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1% 2. Cubic Gd:O
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3. AU

3.1 Al 55|

3.1.1 PLD ¥

3ok S HAIA| T = whd Sol-Gell® MOCVD!9 PLD, sputtering2®
59 o] 7hx] Wel QEd oAS AA BHIY 2 =2y
(Physical Vapor Deposition: PVD)3} 3}8t#  Z 28 (Chemical Vapor
Deposition: CVD)e.2 = A ydc 3y Z=zxde

(o

3}8+ A precusor

E dWudto g2 {AAA, HEE 7Bl sEH dle e oo Hiuo
=48 A7 wWileld. Zeln EeE Zaye wiel 2310
precusor ¢l EfAloju} g & FEAA v|@mYo] AHAFE W o

sputter aki= W2l uwbel sputtering, evaporation, laser ablation, electron

beam evaporation 5 2.2 FRE T}

PLD ¥ =3 S23e shvbz oapde] gojx dxz el
W3 FEAIZIAL 2 evaporants 2 %S @Al wbyoltielz) o)

Ir

evaporants © plume € #A3t=dl oA dx, Bz AHA, o]& W

micron-sized particles ¢ o2 FFH Aol & JAo EIdAz T

~

gslof stk ol plume of 2R stel Gyl stgE swol EHY 1
of wetgy WUEFes AFR olgi Yol wue E4o| ¥
oftbi ThE wrebAlg wyel ws) @stths oldel 9v) WRe we

Aot FaHm 9o
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312 AlsA

Gdy xEuxOs(x=0.08) #Z Alg+= Gd03 & EwO; 9o 338A
(stoichiometric amounts) 22X ¥ FHHAY GOy & EwO; & %
kol 20 AIRE B 1350 C oM s Wbz g geld g
(Target) #43Ad. o8zt 44L& &3 wE4x Heg=e PLD &
FAog ARESH7] A AAL 190A, FAE oF 25 mm o AR
Avtetdch Mg 4 & o] &5te] ¥t e 193 nm 9 #AL z2tE= ArF
A ol HE AEF PLD Woz Azstgs, 287 7)3 Alolg
Aee 35 mm & FAAAC HeolA fluence ¥ W 40 J/em® o1,
et Z2-E& 5h7] Hel 108 $9HS dlH] ablation & dto] T Ao Fwo
EAQste 2 & AATF F HHE dof ¥oly F9442 1 Hz &
ks 108 9t FAAZ g ueiA] AHE 5 Hz 2 60 B Bk F
Aatgdel. G:OgEu” whebe ALOS000D) 713 $jell 719 2% 500, 600,
700 C <F AbA F9)F 100, 150, 250 mTorr & - Aste] 4AX7 Alas
Apg-ah i ok

O

"rki
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02 WEF GhOyEu” o wuhg AlolE Muld o7 g
: o7 FASEE Y. Nd:'YAG(Spectron Laser Systems, model:
SL800) 2] 532 nm #HolH= @A Aol Y(Spectron Laser
Systems, model: SL4000B/G)E 7|32 A&3% i, MA = Exciton
Aol rhodamine 590 + 610 & A&tk M o] A W7o wgg
12]8 el rhodamine 590-63.0 mg # rhodamine 610-30.6 mgS 4+
ae)a A dolAq FHE 7)o vleE 18 E el rhodamine 590-34.0 mg ¥
rhodamine 610-124 mgSs Yt Aas 218 5 % 27 6 3 o] %
Attt 29 6 3 gol wuke ZxE Fol dn lol A whAbsta
YA e FastA st @38 S 5 Y Alse A28 H A
€ Ab8stel Ed(holder)el &St F4A S = A2 0] E(Acton
Research Corporation, model: SpectraPro-750)& *P%’SP it 23 A3
= PMT & Al&sto] ZFZsln, 947 ~35%(LeCroy model: 9310)8 A}
5}04 A5t 7133 334 7](Fizeau, model: Wavelength
Meter 7711)5 Ab&3sto] 34E gladdrtd Cryostat 9 &%= 254
o} 7] (Lakeshore, model: 330)& A}-&3}< /‘1101 At
g A wete] A EAF AAALS 2AEH] #8ted XRD(X-ray
diffraction) gttt AtolE A& 2 7] o]y FAYE Al&sho]
= A

Azl oyl AHEY, WE AMEY, SRS ZHGAY

ol 4 4

“Ll
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Wavelength
meter
POLARIZER |
Nd:YAG
WAVEPLATE
emparature E
cordroiter C f
N
D
monochrometer X /
%= Dye Laser
PMT scillos wpe < |
Prism
o9 6 wget Ay AAL LI-L4ed =, M2 5344 8), M2-5:RFA &
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SR ”“577] A3 "|A cryostat LH"?—Q >7E Ay $EE FF

ol

i
LvooxO
o

W8 Han WF Wx 4L EAAAG aelw SR Lo R
X Zlgeh SR SEM AT At HE 24 AR e

AA AAE = ol e eyt dARA e vgHE AMEEte A5
o Aol a wAoe] kA = uf 71X 7]‘43414. a9 594 L2, L3 A
272 HEg Bxazv o Sl FRol dAseE dz2g 233
Gt 5 FRel FAHHEE o Eﬂo] A 997t A EHE FAH S
AlEHRY A7 AHNEY S SAE de ExARvHE ANt €8S
3 mm EASA FATC MAwol Ao 3G WwE AAVNHEA 242
AFIE AZE AX(time-cursor) YA E 360 us = AT Aol 1101]"1
Astz 3 ol RAE AAE7] st 590 nm HEI S AE-5HY
oluff L2, L3 W=E At&ete] x7125 ZHAT. o2 ARE /\}%6}
o = 7&% EALE AHEEt] FASIAh dEe A5 E A7) st A
ceol Aol B4 WEE 0001 nmy/s o B Hrw WEAIY A6
c}.

HE 2dHEHL o7 ~HEZe] A MawelAe FHE 1H
b W3AA SASAY. €82 500 um 2

SHdzFTEO A AM A= 865 us ol aAEIAAL
A2 uge] el E 2 0.1 nm/min £ st FAI FHo| JME3tE

O
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| 770 Azl diste] 77z} A]lgol ofr] ~sHlEY b
, FHEAE 24359} 41894 21 K oA Fy — "Dy o

HE

7] ~HEZRL 243l Gd0sEu" BHeholl A monoclinic A+ % cubic A
= TEst b AtelEY giAAA S BASHAH. 4284w 7F AlolEE
o} 7)ete] WEeE Dy — Fy Mole FHAHEYS A7 =i}
A BAEAT. 43FHAAME FH 250 WE oy AdHEY 9 wE
~AEH WatE SAHSIY. 448N = O AFAA 7 &5 2 oAb
2 B e ofr] AdE e ¥Eel XRDE vuddy. ¥ 8 2 4t
b A A B F 71 5o weEl Az olES WEddd. ®

8 oA} A

5 119 iie FL3 Algolnh

T 8. Gd,OuEu™atel 424 2 W Alg o3

Algols A mTorr) 71 #2%(TC)
[ 100 600
I 150 600
1 200 600
IV 250 600
Vv 300 600
i 200 500
i 200 600
i 200 700
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41 'Fy > "Dy o7] AHME

a7 7 & 21 K olA Madol Ao 3EE 5754 nm oA 584 nm 7}
A ASAAMEM 25 Ry — Dy "ol 047]*9“‘5340114- Oiﬂﬁ Eal
=g 24 monitoring 3 HE FHE "Dy oA Fy (] = 2 A
olst= Ml &3 (total luminescence)ol A TH (11 8 LZE)

7] s EHN 29 7 7 o] 4709 Fy, — ‘D, A7} BEEY
o} z}zhe] A E 57850 nm, 580.92 nm, 582.52 nm, 58254 nm ol %
sl Qi ol& a, b, ¢, d & FAEATY a b, ¢ ¥ d 529 wixZ

(full width at half maximum; FWHM)< 14.85 c¢m ', 355 c¢cm ‘', 17.19
m' 651 cm ' 7b¥ch o] F 58092 nm ¢ b AL AdHo FL
AEE 7HAM, 58250 nm F29 ¢, d AT M2 FHHA A o
a7 sl O’ 7B & olE A FH3lY, s a3 g1AE
kol s}l o},

a8 7 3} 2ol By — "Dy o7l aHME-bA 4719 w A} EYFs
Abd e Eu’ ool fo] GOy Bt A H4d 4 2Fel MR thE 3o
N&S omgtl 1 olfE Eu’ o129 Dy, Fy 95 AAA Lol A
e 7b BHA g 3d E9lolv] uf Feoldh 1%’ 9 3 ol GdrOz Bl

q M2 g8 87 S ¥olgle Eu’ oS Dy FYh 284 v}

7H—4 Fo — Dy 7121 EH 92 9% Gd0s o A F7A

Eu’"el Dy #9912 vlwsdte b 33 cubic GdOsEd® ¢ D, &=

a, ¢, d & monoclinic Gd:03 ° 7} Ed 9 "Dy =9 dl&
bt

t

Y
ox
l‘ﬂ

b oA
2

3 rN
oY)

i
o
gt
S
ol

Q]

Cubic Gd:O3 o b ¥ 20| sj@ate= Eu” > A w2y
o 22 iAo sttt Monoclinic GdoOs 4 a, ¢, d YA E-‘:r Cs
Hds 7k Held a ¢, d o si@she Cs tAg 247t CoD, Cs(ID,
Co(IlD b shar 29 3 % 22 diA4d S 7kt Monoclinic Gd7Oa 24
o] "Fy — Dy A712HNEHL Yakel”, Bihari', Daly' Fol o w1

¥t Yakel monoclinic Eu038] ZAANA Mz g 3702 o] &
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Azl RS B FEY 2, Bihari ¥ monoclinic EusQs 2 Ao A] Alo] &
A x] HolE Atatgd ). Daly = monoclinic Gd:OsEu™ A &AM F,
= Dotz ¥ Dogz — Fy(J =12 .6 < Aedd apo]e of7] wiyo

2 7b Ael=g 24} WA

B oAt Gd0sEu” wehe]l monoclinic ¢ Fy — Dy ol 7] 2 # E o]
cubic 9 Fy — "Dy AEFRT o W olfE Gd:03 9 monoclinic 9
Cs AFOlE7} cubic GdoOs 9 Cp AlolE Hu} dfuk Az 31x  Zo
distortion X7 1 27| WFo2 ARG, Z83 monoclinic Gd:03
gtukel a ¢, d 93 MEZL Yakel” 0] B33 monoclinic Gd:O; 2 A
o Fy = Dy 7] 2HNEYY A AERT O WL FAsAT o
offrie el A Tk o]l {F HAAF Ao wE Aoz oAt 19

w2l inhomogeneous broadeninge] Z7}3F Ho g of Az o).

2eER H7be Eu’ v GdOs 9 GdY AeE Ao Cubic
10 = 2" 2 9 2ol £ FFR A2 e Gd" AP E(Cy, So7t &
Agrch ey 2" 7 dA e C tAS v Zant sEEg 2,150 A
At A o]l S AL F4) o)A F(centrosvmmetry) S 7H# 7]
7ol symmetry selection rule A induced ED transition ©] 2] %t}
b ol cubic Gd:Os 2] Co 9 monoclinic GdOs 2 Cs(D), Cs(ID, Cs(IID)
= induced ED transition o] &-&%¥ dojolt} (% 5 #F). Distortion
o] Aty symmetry selection rule ©] Aojx 1 e 2 Ao 28
T A& Aolth A% cubic G0z o S¢ AlelEel Eoizr Eu”

symmetry selection rule 2 # w2 A& 334}

T

Y:05Eu™ #hate] 9= cubic 43 £ B SolstA B 7o)
7ol Gd:0sEu” ¥Hhe cubic A3 monoclinic ol FAlol EAFl),
GdOz Y Yo0z Aol A+ cubic olY monoclinic o] Aol &A1& 4
slom AANA cubic A& 8ol 1220 - 1300 C, monoclinic &< &
Aol 1400 C olt}. Monoclinic A2 cubic 4 Bl o] & 2o 2
Aol A s, ofzle] Rt e FA EAss AL ITrjze 9o
oftfeh ol e gk HAbol dishiMe BT e opA A A i}
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Luminescence Intensity (arb. units)

Luminescence Intensity (arb. units)

a
e
T T T M T M 1 1
576 578 580 582 584
Excitation Wavelength (nm)
d
C
T N T M T T T M T 1 1
582.0 582.2 582.4 582.6 582.8 583.0

Excitation Wavelength (nm)

297 NE 18 Fy — Dy o37] ARHED
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578.49

580.92
..._T_. :
A .58.;2‘_3& 582.53 "Dy
T
r r [ 3 7F5
? Y Y P { ] *
¢ ? ¢ 1 p *
.
7FU
Sg C, Cs(l) Cs(ll) Cs(111)
Cubic Monaoclinic

o9 9. Energv level diagram
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42 Aol Ad A 7)o o& Dy - F) (J = 1,2) HE AWEY

21 K ol Fy — "Dy 7] A~AEHAH #F23 4749 Eu” Aol
(a:Cs(D), b:Cy, c:CsIl), d:CsIME MA#elHel IHE tuning 3
(a:578.49 nm, b580.92 nm , ¢582.34 nm, d:582.52 nm) Z} AlolEE 7]
bl 1% 10 & #& wE AHEYS A 1 A e AlolEw
& dHE Hola dok (™ 10).

He] Ve 83 AgEHo| MR

Cubic Gd03 ¢ C» ¢t ¥l@&¥ monoclinic Gd:0s ol M Cs(), Cs(ID),
Cs(IID A}elEe] "Dy — Fy (J = 1. 2) 4% ~HEPL e AL Bol
= AL Y 7 Atk olEg 3/ AlelE BETE 624 nm HAoA FH o)
927 el ol9k 22l cubic Gd:03 oA Co i b Al EE
718kE A "Dy — Fo #ol9d 610 nmell A Zdlel slzsh vebwk 590
nm 39 WAEL Dy — Fi ol 8HC‘;}: 40157.. 610 nm 32 3
152 Dy — Fo ool dlEete gaEcld, z2F AlolE] W& AFHEF]

-

I3 AAs= olv) 4 FpEH B A oPEiIJ-. 7

21 K oM 7] 34L& abi849 nm, b58092 nm, c:582.34 nm,
di58252 nm o T3 WE AHEZ”S F339 a623.39 nm, bi611.00
nm, ¢623.39 nm, d:623.39 nm AN FTEAZES FAHEF A3 CsD), Co.
Cs(ID), Cs(IID) AbelE 7} ZHZE 847 ps, 733us, 657ps, 637us & O 8 AL
o g AT CoID, Cs(ID ¢ A% 8] £y AIHS YERRA T
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Luminescence Intensity (arb. units)

] 1 o -
F2
h Y V v
: c)
CZ
. C, (1)
- C(m)
1 ! 1 ! ] ! | ! | ! 1 ! I !
580 590 600 610 620 630 640

Emission Wavelength (nm)

219 10, AR 19 "De—Fy () = 1, 2) BE AwE

ot



Luminescence Intensity (log)

C (1)

C,(11)

C M

Cy(I) 1 847us
C, 733us

C.(I) : 657pus
C (IIT): 637us

0.000

L ' Y

T
0.001 0.002

T
0.003

Time (sec)

a9 11, A& o oigk 2t =

.~42_

0.004
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43 FALxd & Fy — Dy 7] ¥ D, — FrJ=12 %3
g s

P>

AMEel 2EE 21 K oA 295 K 744 o 74m B, — Dy 7] 2
Dy — F (=12 4F 2d=3S 24540 19 12 & 21 K,
100 K 2 295 K oM Fy — "Dy 9f7] 2HMEHo|th 2HLx7} 100
K = Folgel wet c:Cs(l), dCs(ID) ¢ FaeE Mz 2HFo FHL
& F gtk o) ¥ 9Aag 100 K o4 2xo A= od ®E= Cy(I-1D)
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Luminescence Intensity (arb. units)
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Luminescence Intensity (arb. units)
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