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Megneto-optical Faraday Spectra of Gd-doped ZnO Thin Film
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Abstract
This thesis follows up previous study on Gd-doped ZnO thin films and it focused

on photoluminescence (PL) and magneto-optical Faraday effect (MOFE). The mole
fraction of gadolinium is from 0% to 20%. The spectral range for both PL and MOFE
is from 340 nm to 700 nm. The magnetic field for MOFE ranged between 900 mT.

Clear defect emission were observed from PL spectra of all Gd-doped ZnO thin
films, and the defects were identified as zinc vacancies, zinc interstitials, oxygen
vacancies, and oxygen interstitials. For thin films of Gd mole fraction over 5%, defect
emissions are dominant in the PL spectra. The total Faraday angle is the sum of
substrate’s and thin films’. They were related to magnetic field with negative slope.
Verdet constant of substrate was from -0.01287 to -0.00399 rad/mT - m, and films’
ranged from -5.96000 to 6.74000 rad/mT - m. Most Verdet constant were negative,
except 5% film’s before 540 nm. The magnitude of Verdet constant decreased while
wavelength of incident light increased. At near-band-edge emission and defect emission
wavelengths, such as 380, 420, 480, and 640 nm, Verdet constant would grow first then
shrink against doped mole fraction growth. Therefore, electron interband transition and
defect sub-bands have clear response in magneto-optical Faraday effect. Our study
enables us to tune MOFE spectral range and strength by changing Gd doping
concentration.
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Chapter 1 #¥34
1845 # Michael Faraday 4 AU iR Kk &5 BE P M TR € Fl 5 o4
BHiT o fhiR S ey € Fletm g T e ek B fodh e B 1t M o
[1]1861 & James Clerk Maxwell & * g & k3ten Do 3 @i i) | ke 2 5%
sl o B Maxwell 8- 3 B I TR HIZG > TP & § Bt RS
Pl fF s F R BT T B et e g B ARG RGP R
% F g2 (giant magnetoresistance * GMR ) % 1998 # A # {8 [2] » & + 1

B R RF AR ST RN G2 B SIHT S A e

Fr oV p R+ paaL+Epr - BEEFT > A ¢ B M iy
Rt = - E %% (diluted magnetic semiconductor * DMS ) » @ 332~ % 1 & § g
R PER AR AL R KA AL R A B 23]

2000 & {8 » F] T.Dietl & % 12T 35334 (mean fieldtheory) 32 #3501 §
i“4 (ZnO) % § i* 45 (GaN) 4352 5% 5% (Mn) T » B 2B REV B> 38 >
Fl R F M G Mg S B RS FH R E R o [4]

*F %R d BE BR AT T 4 (Gdy Gadolinium )2 § it 4% & 5%( Gd:ZnO )

!

TLHP Y G B A ﬁr@ LHERY o 3 e X Ao B 1-1(a)~(d)E T » [5]L F &
G 2K Gd:ZnO E i 4 G Bl o P A RS g BRER A

Moo LB R S E TN o B8 18 & ek 3R ¥ Sk (Photoluminescence, PL) Sk ¥

A F AR T T ANEY G AR RS BTR A b0 8 B F 7
o RiFfRA A F L W ARTE T oEES 2 ¥ e {oRES ] SRk
BRAHGSHE od mT MGP Paey C&EFWIAQTRNE ) § M8 &E%5 R

d 3 Gd:ZnO EWEE 2435 kM2 M > R ST L2 SR T
w2 AE T GA:ZnO fF f aE % gk ki 10 788 50k R fodd B X ok

R o



—~
&
-~
-
s

Intensity (a.u.)

— ALO(006). K|
. ZnO(002). K. ALO(0012). K,

- = ALO(006). K

ALO(0012).K —

(b) (a) ALO,(006), K —

Zn0(002), K ALO,(006). K,
Zn0(004), K, i
; -

Intensity (a.u.)

(c)

Moment (nemu)

1 1 L L L

2 16 17 18 19 20 21 22 23
0 (deg) 0 (deg)
(d)
100 10
T =300 (K)/ P, = 3x10"(mbar) T =300 (K)/ P, = 3x10"(mbar)
—— 0% o 0%
3% 3%
50 | o 5% 5T —— 5%
10% ——10%
=
£
(0]
2 0ot e
E —
5 =
£
o
=
50 F 5+
_o——g——F F
T
-100 L L L — -10 : . .
-10000 -5000 0 5000 10000 -500 -250 0 250 500

B 1-1(a)~(d) % E% XRD 2 SQUID i £ % % (a)* & & XRD % (b)
& B XRD ® o BT LG SRR A B 6 f 4P e i o(c) 3 B SQUID
Z % BI(d)P 0 2tk g R R 100000e T o R F Ao o

e

3%E AR e AER S 0 AT BRI Y ARF R G o [5]



Chapter 2 # § iy 2
2.1 § i 4(Zn0) ~ EF 7 A ¥ (sapphire) £ & (Gd)H|LF

2.1.1 § i* 4(Zn0) ~ EF % 2 ¥ (sapphire)

§ it 4 (zincoxide,ZnO) » F £ % 81.38> % & 5.67g/cm®» 3 8 5 1975 C >
EI-VI%PEE i E CF 2 EM 24 - RREEES 2 S AME[6]) 3 i
EREPE g kT ANE > BN ML 337eV . 3 kR o ¥ F] ZnO
gr+ & & i (exciton binding energy ) % 60 mV > F 24 H 8 T g & L
(electromechanical coupling ) > & 7 ZnO 3 24+ e/ T i & a0 g a5 [7]
A ¥ AR R T A4 R gl & (stimulated emission ) [8] 0 F]t - B R EFE B

AATH AT B RS 2 F R R o

ERRL - s f]&’ﬁ 2far ZAAAR fi&(rocksalt) SR fﬁ(zinc blende)
2 g T St (wurtzite) 0 4o 2-1-10 B¢ BBA G AT EF iR k& =
g A BT S b A2 B2 BT 0 RET T B S
BRI PHRNELN AR AT RRHEUS  H a b HS 325 A ¢

fhi ¥ W #p] 5 5. 21 A-

Rocksalt Zinc blende Waurtzite

X EERA FERBERER L



FfF CELSHEUAERFEHERA LT A L A ME Sy TR
(strains ) 2245 =% B (dislocation density ) » #7112 FE* > 5 ¢ > wh
EF 7 A+ (c-sapphire » ALOs » H % ¥ 1 48) > 4B 2-1-2(a) ° c-sapphire F18s %

¥ fche& 2-1-1 0 &4 ¥ ¥ L %] c-sapphire v ZnO ha fh b ¥ L B H < > &

¥ 7 7 ge & (lattice mismatch) 3 i 31.7% - [9]

ZnO c-Sapphire gt TR A
a fihf 12 ¥ Bc(A) 3.25 4.76 31.7%
c bl 12 ¥ B(L) 5.21 12.93 -

% 2-1-1 ZnO £ c-sapphire s $2 % #c2 3 TR o * TR 5§ 0

2 A a%aﬂaﬁﬁ:&ifﬁ% v AR a B F B T A T o

1452 pe® LT 4v 0 ZnO f &8 & c-sapphire } & £ pF § 5dE 30 & 0 A F
il R B o] 2-1-2(b) > R B &K TR R S 18.4% 0 F 2" X ZnO fr c-
sapphire 2. B ihjs4 3% & ZnO & ¥inle fo & F o Bl @ 14w M4 7 c-sapphire &7
ik FRL ZnO HHRER > 2 8E S P4 B & T c-sapphire 4 F %

ZnO 1 Zn B3+ - [9]
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2.1.2 4 (Gadolinium, Gd)

FPAFLHEREAE2-  RFAL 64 THRFEL 5725 T F AR
F[Xe]6S25d4f7» 3+ & & 5 1.88A G 3+ X/ 4 1.07A 2+ Zn1.35 A
Th R 1.2-[10,11]

Bt EAEY B L M4 BAFY > H- AR (B ) BED FI L hA
%2 BB 5 794 ug H =g i it £ #4E (Bohr magneton, pg=9.274x102J/T)>

T g Iie » ZnO {5 0 W T LR T RE R o [12]

ion shel S L 1 term jod Pexp
ce*t a4 3 3 3 %Fsp 254 251
pr3t 42 1 5 4 OHy 3.58  3.56
NG 4 3 6§ ‘op 362  3.3-37
pm*t a4t 2 6 4 Ol 268 -
sm*t 4 3 5 3 PLp 085 174
Ei** 4% 3 3 o0 R 00 34
3 7 7 7 8
Gd3*+  4f I 0 ] S72 794  7.98
™+ 4% 3 3 6 7Fg 972  9.77
Dy’t 4 3 5 L CH;5, 1063 1063
Holt 410 2 6 8 g 10.60 104
Et 4!l 3 6 B 415, 959 95
Tm*t 42 1 5 6  3Hg 757 761
vyt 43 13 T 2F, 453 45
Le*t a4 0 o0 oI5 0 0

%212 i RAARFI L IEE ph A ETRERIL - £

P D pepthE = 5pg e [12]



2.2 B

p % 8§ )k (Zeemaneffect) {5 Bt B4o3 ~ £ 1[5 A+ d%
- BARH Kk p T 3 enduig £ % £ (orbital angular moment) £2 p T & 5 §
(spin)> @ @& 1 & W H B AEAET B = Dopirar ! Dspin’ BB+ F DBBEED ot ™
2 % de(1)5

5total = 5obital+ﬁspin ° (1)

FHP S BEE T RBY TREAER S RS R R TR
% = 37 & Bt (diamagnetism )~ "8 g 14 ( paramagnetism )~ 42 14 ( ferromagnetism )e
221 F Bl

SME P YR PR AW RPN NR G PREEEFIL A AR A 4p2
HWOREERFIDERELF c RHANG U L ESPE TF i AR
mAA - ERBAE PERBED p E g ¥y B “,f 8 B R
S AR A o [13]
2.2.2 BRI
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SRS BB TR BRSO ENOEREL R oo § ot
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P R 5% R M (magnetization) T & E 4 TR %R M &8¢ o3 B ol %
P 4-(2) % (3) 5%

M o Ptotal R (2)

=z 3)
B ViyTaf o xi P Feamit 5 (magneticsusceptibility) - C % A 2 # #
(Curie’sconstant)» T £ G ¥E R » ¥ ¥d Q)N F il RRE o f Fenpit
5% B € '8 1 o [13]
223 Rt

SRR P INERBERES - R 2 F 02 FIRFF 3
& (exchangecoupling) > @ 4p Al + B RERF| R F - B> v o i&m 7
RS T gt B S g P TRIEIR R o do A A B o B 3 A Y
LB R BEE T FRE B Ao R T 0 2 R
B F o § @Ry T et g p s AR gAY A 34 PR
By A RFEATE - Mt e B NIRRT A TREE MBS ST
4 (coercivity ) o % R U@t F 3 48 (Fe)~ 4 (Co)~4% (Ni) M2 7 7

~F R &4 o [13]

Ji

BBELS TR B s R HEA 2 mit L HRERS 3 &

<+ (phonon) & ¢ 47 LA 5] > S B i FHOE G ahd S SRR
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— ¢ o
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HE~% 4 (Fe) & (Co) & (Ni)
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2.3 k3% ¥ & (Photoluminescence, PL)

2.3.1 RIZ
ERF L EFFLFF R B EF N F A DI G o - Mmoo gk
B A TR M ® R F p % A (valence band )8 1 ¥ 7 (conduction band )

moaett? 223 F -2k (hole) $F o & F e & £ 54 2H4F 5 ¥ %
(nonradiative relaxation ) *# I HF &% R feT F F &3l ko L ek
GRS 0 FIIMAL R Wk o R F R BT R RlAo B 2-4-1[14] 0 KR F Kk

Wbl - BRI PR AL RS 3 1P 0 ST R o p L i B A T
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W 2-3-1 RERFLAMFRBIIF £ LI pegFnT T g Ligd 2R

g FIEF RIS BCSEATICRIFRERNL BRI AN D

B AUE & o [14]

WLy k¥ ik RER A F AR R A & A Bk (intrinsic emissions ) £ 25
A F 3 % (extrinsic emissions ) o FEE B e Bac by L RHFHF 2w ld > L AF
Bk FHP - R P BRS TA L P s A FE L N AFH X
BE R e IS A REGY 0 5wk (bandtoband 0 BB) % pod e gk
(free exciton > FX) : 2bA B gk gl v fma Iw fA8 L H55Y > AW L8k
+ % % (boundexciton> BX) ~* 3 ¢ ¥ % £ (donorleveltohole> Doh)
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- %

%+ % 3 4 % (electronto acceptor level - eAo) 3% * 3 % & % & (donor acceptor pair

DoAP) © [15]

o—:+

il s S - S #4746 P En
Q- @-nmTEEL

1=
1

BB FX BX Dth cA® D°A°P
W 2-3-2 ERFERDEFa FFF g 847 LW o~ s Ldr

fy AR KR B2 AT H K - [15]

2.3.2 § v 4erak gk

LE B e “f%’*%‘i}fﬁ’\:* g P g KR > ARl AL ER

i = enghad 15 (point defect) » & - BE < F| 2 > @ 242 i & h FE_
Fle e R+ L5 BN RER o &a # EF R

1= fEBEAE Km0 Z 4 (vacancy ) ~ 4 (interstitial ) % 4% == (antisite) > /&
B2 3 AF o RBRLF VEY DEBEIRE G S &8 5 F 74 (oxygen
vacancy * Vo)~ 4+ % # (zincvacancy > Vzn)~ ¥ & 4 (oxygen interstitial > Oj)~
S W (zincinterstitial > Zni) ~ ¥ 4% i+ (oxygenantisite © Oz, ) % 445 = (zinc
antisite ©  Zno ) o Zhik Feig Ao %&%—5’@"—1 AE I - Ay aab e >
Lidhaily Bl ey 2R BEFRESSCFEK: 0FR2F B8535

BB Bt 0 F]-2 2 FF o [16]= fA24% Fr & B4 ™ W -
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W2-3-3 §io8? ARt LiBleo@ §F324 b)-2H8748
(© F AW ()2 B&EFH (e)-2 % F &4 ()2 44 = - [16]

R RS SRR R A T L ooy SR TR ik oY CE Al

FEFl > (17175 2-4-4 7 - 1 PL L35 % > 2 2 % il BHBIIT it g & %

Moo
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Yo — Zn—— T
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‘bZni
2.16 €V ()
Viu Vo —— 0; o Li
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2.4 # P % gk s i (Faraday effect)
241 R3T
e R U Y e L Ar

&
ik k> 7?4/@miﬁ,ﬁol))\ﬁrj"£%ﬁ—&@,p;\ 9} —g,ra,,ﬁ%%’bﬁiﬁ

/"Fﬁ‘7 s IR ra»xﬁq@mﬁa)ia’xiﬁ/‘%&% B Lo b heBERR S

HF el ¥ 8= (55 18]

a = VLB (5)

He ant G| ¥ #V 5 % f & F % (Verdet constant )> # ¥ i+ % rad/mT-m ek & ~
BREEIMFIM -5 VERE ST I EF A4 &0 @ e %0
VEEATH:fEp AL B E e 2% FI(4)N A8 LAkt
Tk L MR Sar B2 Mk gk

R iR o R € 2 AFF
ek o LA A it (analyzer) | F B T 5k B T ek B[19] o

o A 4T T RS R D MURIR TR SR S LA LRl AR R NS 0

e LN(6)% (7)5 »
ER = Ey[icos(kz — wt) + jcos (kz —wt+ ) (6)

E—L = Ey[icos(kz — wt) + jcos (kz — ot — —) ° (7)

bt 77 E MR FA B R KR L DTS (refractive index ) % BT F
(absorptionrate) F £ & > i3 S FlifpirE &5 EHF 2 5 4 2 4p = (phase) &
Bo2 RFRAEIE 0 4o(8) (9

?R = 1Egxcos(kz — wt) + JEgycos (kz —wt+ g + d))] ) (®)
ETJ = 1Egxcos(kz — wt) + JEgycos (kz —ot— g + qb)] ° 9)

#erd Sk fptez f5 o B3 TR RS R T FP(10)3 Ay ik s ik T - B

ik o d PP ITh A RFAZ R AIREI B2 e F A d Lo
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B \2 . [Ey )\ Ex\ ( Ey
E) (@) ~2@) () cosw =sinte A= [B5+ 85, - (10
FlE ot S fFlRiEE > SFEHZLF AL AP ER Y R AT B i

BB Sk 2 kA [ a7 5

Y

5 R T E A [20]9F 5 (11)58 > 5N @ ez
FTHkookiZ ki@ ¥aly E2 5% -rFiclk
I = ko + kq cos(26) + k,sin(26) > (11)
Pd ki 2 o7 E2P 558 o0 BB GAo(12)5
=jtan™ () - (12)
BSMAEN @R T RETE A ko
A GAZnO FWE b AF L 2 B B R R R L FRE R

MER PR R L QR F A Pl RNk s - UM o T

2715 ke

Jin

—n

¥ ik 30 £ M 5 (13)5
Utotal = Osubstrate T Xthin fitm ° (13)

Ototal = 72 £ % T & > Osubstrate * Othin film = 28 P% % 38 W2 £ % g g & o
242 P EéE 43

APFRFOELG O AL (Xe) F RBITAER LRET FARAE
TeEE R R RFG FERR e HARE kR CAPRY AR
EaE R B EP S EAEEPAE (chopper) 2 SipIR ST > 2. {61 78
¥ >t T 4B (electromagnet) P ik W im R HESE > RS R
P bR R o B fS R T BB R W Bl et > LR 2-4-1 ¢

g
Xe 1 \‘
I 1
\
Lamp \ )
\~,
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Chapter 3 % % 223334

3.1 kx¥sk (PL)E% A4
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i

[ PL 32015 » 33 5o) & 2 % B2 4 |

Bt 6(%) % & i £ (eV)

0 2.4523 3.1916 3.2510 3.2966

3 2.7096 2.9626 3.1038 3.2000

5 2.5670 3.0241 3.1529 3.2320

10 2.5967 2.9786 3.1421 3.2604

15 2.5652 2.9496 3.1330 3.3153

20 2.5843 2.9462 3.2576
[ HFod f o d i 8 %)
i £ | Sapphire | CGD-93 | CGD-200 | CGD-94 | CGD-95 | CGD-96 | CGD-97
(nm) (0%) (3%) (5%) | (10%) | (15%) | (20%)
380 |-0.01287| -5.96 2.12 6.74 | -4.36667 | -4.04667 | -5.03333
400 |-0.01177 | -4.33333 | -1.25333 | 5.42667 | -3.17333 -3.52 | -3.80667
420 |-0.01054 |  -3.44 | -1.34667 | 3.72667 0.04| -2.86|-3.17333
440 |-0.00964 |  -2.38 | -0.70667 | 3.19333 | -2.23333 | -1.69333 | -3.19333
460 |-0.00862 | -2.47333 | -0.68667 | 2.29333 |  -1.04| -0.84| -2.72
480 | -0.00822 | -1.68667 0.14 | 3.18667 | 1.27333 | -1.04667 | -1.50667
500 |-0.00742 | -1.72667 | -0.16667 2.82 | 0.23333 | -1.01333 -2.02
520 | -0.00675 | -1.38667 | -0.20667 | 2.14667 | 0.18667 | -2.49333 | -1.57333
540 | -0.00628 | -1.03333 | -0.16667 |  -1.26 | -0.81333 0.52 1.9
560 |-0.00576|  -1.56 01| -1.16|-094667 | 0.73333|  -1.64
580 | -0.00556 | -0.67333 | 0.30667 | -0.28667 |  -0.44 | -0.54667 | -0.82667
600 |-0.00544 | 0.07333 | 1.09333 | 1.03333 1.12 0.62 | -0.17333
620 | -0.00485 | -0.36667 0.44 | 0.18667 02| 001333 -0.78
640 | -0.0044| -1.18| -0.02|-0.50667 | -0.84|  -0.66 | -1.27333
660 | -0.0044 0.12 | 0.76667 | -0.08667 | 0.16667 |  -0.24 | -0.20667
680 | -0.00418 | -0.23333 | 0.69333 | 0.10667 0.6 | -0.57333 -0.14
700 | -0.00399 | 0.16667 1.16 0.2 3.24 | -0.62667 0.04
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[i# 3= % £ 3% matlab 4 474258 75 ]
% S B T
clear all %3 “,f TR

VolcHp AL A (Bt G\ B
location="D:\OneDrive\#* 7 #71 {¥\FE data\20200622\";

%Farady Effect Analyzing ¥4 4 = %
FEA Lcation='D:\OneDrive\#* 3 #71 ¥\Farady Effect Analyzing'

%date="20191023";

Yotk & & (3 I3t #dpAL &) ex: CGD-95_460nm
sampleName='"CGD-94";

Yorr ATk B (A4 Bk £ IR LR )
%lamda=600:20:700;
lamda=700;

Y%E_F #-ficipfh i 5 mat £
c2save="y"; % (y/n/L)4~ %] & (Yes/No/Load)

%k R H
angleOn='"rad'; % deg/rad
%file # 5 mat 4%
cd(location)
addpath(genpath(FEA_Lcation))
title_col={'Voltage','-5','-4',"-3",'-2",'-
14'0%,'1','2",'3''4''5" 'y0",'a",'b','b/a',' Theta(rad)', Theta(deg)'} ;
sample name=strrep(sampleName,'-',' ');
inNameM={];

for a=1:numel(lamda) % = DATA %4E*E
name=[sampleName ' ' num2str(lamda(a)) 'nm'];
inName=[sample name num?2str(lamda(a),” %dnm")];
inNameM=cat(1,inNameM,inName);
temp_table=readtable([location name]);

temp_table=temp table(:,1:18);
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if size(temp_table,1)==247
temp_table=temp_table(2:end,:);
end
eval([inName '=cat(1,title col,table2cell(temp _table));']) % = # & 48 (3f B~
PEE p g F)

inName_shift=eval(inName);
dot5=find(cell2mat(inName_shift(2:end,1))==10.5)"+1;
dot 5=-(find(cell2mat(inName_shift(2:end,1))==-10.5)"+1);
if numel(dot5)~=0

dot5SM=[dot5(1:2) dot 5 dot5(3:4)];

for p=1:2:numel(dot5M)

inName_shift(sign(dotSM(p))*dot5SM(p):sign(dotSM(p+1))*dotSM(p+1),1)=num2cell
(cell2mat(inName_shift(sign(dot5SM(p))*dotSM(p):sign(dotSM(p+1))*dot5SM(p+1),1)
)-sign(dotSM(p))*0.5);
eval([inName '=inName _shift;'])
end
end
if c2save=="y'
save(name,inName)
end
end

%clearvars('-except','-regexp',sample _name)
clear c2save 1 location name temp _table title col FEA Lcation a

%poltting part

load V2B
load V2B _v2

k=find(VB(:,1)==40);
k v2=find(VB_v2(:,1)==40);
for i=1:numel(lamda)

forFigM=eval(inNameM(i,:));
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j=find(cell2mat(forFigM(2:end,1))==40)+1; %+~ 40V~-40V~40V % &

if j(1)==43

B=VB v2(k v2(2):k v2(3),2);
elseif j(1)==42

B=VB(k(2):k(3),2);

end

if angleOn=="deg"
alpha=cell2mat(forFigM(j(2):j(3),18)); %degree
elseif angleOn=="rad"
%radius
alpha=cell2mat(forFigM(j(2):j(3),17));
end
figure(i)
plot(B,alpha,'b-*")
hold on
[a,b]=fit2(B,alpha);
fitB=linspace(min(B),max(B),1000);
fitAng=a+b.*fitB;
plot(fitB,fitAng,'r','linewidth',2)

title([sampleName ' at ' num2str(lamda(i)) 'nm'])
xlabel('Magnetic Field B (mT)')
if angleOn=='deg'
ylabel('Faraday Rotation Angle \alpha (\circ)")
elseif angleOn=="rad'
ylabel('Faraday Rotation Angle \alpha (rad)")
end
legend('data’,'fitting','location’,'northeast")
str=["\alpha ="' num2str(b,'%.3E") "\timesB ' num2str(a,'%+.3f)];
annotation('textbox',[0.57 0.75 0.5 0.06],'string',str, 'fitboxtotext','on")
hold off
savefig([sampleName ' at ' num2str(lamda(i)) 'nm' ".fig'])
end

clearvars('-except',-regexp',sample name)
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