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Abstract

We have successfully grown GaN:Mg
and related IIl-nitrides films by an
atmospheric pressure metalorganic chemical
vapor de-position (MOCVD) system. It 1s
found that the concentration of Mg impurity
1s very sensittve to the mput quantity of
Cp,Mg source during the preparation. We
have achieved an GaN:Mg film with the
con-centration of Mg impurity, Hall mobility,
carrier concentration, and FWHM of XRC,
300K-PL-DAP transition, and Raman E,
mode of 10%° cm>, 10 cm?/V.s, 1x10*7 cm?,
500 arcsec, 270 meV, and 4 cm?
re-spectively. In order to fill the gallium
vacancy (Vg,), we first time wuse In
1so-electronic doping techmique to mmprove
the cuality of GaN thin film. In fact, it is
work from surface morphology and optical
measurement of 1soelectronic In-doping GaN.
In growth mechanism of In,Ga;. N thin film,
we Introduce the concept of growth
efficiency (y, um/mol) to explain the relation
between In solid in-corporation and growth
condition reasonably. Finally, We find the
nitridation process of sapplire substrate is
more important than buffer layer process in
the growth of InN thin film. In optimum
nitridation conditions, the corresponding Hall
concentration, mobility, and FWHMs of
Raman E; mode  of 5x10* cm™, 270 cm?kr s,



and 4.5 cm™, respectively, which is among

the best quality ever reported for such type

of film.

Keywords: MOCVD, Hall mobility, GaN,
In,Ga; N, InN, FWHM, XRC, PL,
Raman, gallium vacancy, isoelectronic
doping, growth efficiency

=R 3:E RN

BT B A Mgsgedwyp M5

BB BERTIORE  ZEHZERE L

B BEATHEETER - R RHH

& AT Z— o BERFRBERZA

1554 Mg i drs v 580 20 2 107

em” w98 FRE A A B Mg s H 4 4

2R p AEMFILE T - RFUEY

THRIEABERER  RIMUFHKE

B AL S RAR AR A R & & H AL

R Pk GaN a9y XRC 9 ¥ 35 %

# 120 arcsec » & F %4 &% 300 cm?~rs >

EFEELE 10 m’ 2B PL 3K

2 2TmeV CEHAHRERD A4Y

B ER  HAMHABLTRAp BT

# o
AR GaN ABMBEF @ > 28

GaAs , GaP = %1{& €+ 3 (1s0electronic

dopmg #% & > H —RUEBARMEAZBET T

B RF o OB UEEHRGCGaN ZRFFR

2 88 2 (Vel) * BET R AT FR

oo A LE o AEMHEETLE InGaN

Z UMk In B A&k e ok Rk

RATFINE RAER R AlAsSh xRtk H

fEFE 09 A& Kk % % (growth efficiency 7,

um/mol)#74 » ¥ 7T LA M AL FE SR 2 [E) A8

4 (X ) $ 7 &5 S AR AT B9 AR B 15 -
Hrdad N BEELRET K

i GaN 4 i & & Hiir £ % A 6y 18R & 187 /%

IR UMk GaN g R s ¥ MR T

A ey [ AR > M Lk A AR 8/b(ntndation)

W 32 R ARk InN 34 j g1 sapphire &9 &A% %

BARTE 0 G RATH AR RALR 32

W o e — R T AR BB -

=~ REtH

St Mg &R ASREE
ZatREey Mg $sta bl & & 58 %
;R AT A 6y [Cp,Mg] /I &4 3 F ik
£ 47 00001~0.1 2 A H&iE p A4
AR 0 AR RMEE T BE([Cp2Mg
ITTMGa] tt #%(0.00154-0.077) % #47 Mg 4
BEREMR - ARER LB 1> Mgl
2 5 g GaN JEpt F 2458038 o > (B4
& —fafofd 0 FRg Cpo Mg 3 Jo i 3 Jo o
feX%e) Mg 9B RE HEEAE R B
A HR—E=ABEEY RE2- B
W B 3 % X-ray 493 B 485w > GaN &) peak
g e CpMgREMGE RMAEZ LS A
B Ehied 0 A4 C-face o9 &%
T 524 BgRNES51TTA 3 Mg
g BN & R 45 ks GaN 8y C &b 245 % 80
B ReAR AF &y Mg BRFERAF
Bk Ga RF L& FTEHS ) R
WD ey e B 4 B 0.4% - kb E Mg 8 ek
ANEH4 25 10%m” - LN T B B E
4 wyz:8 PL 3B 85+ 0 1 Cp,Mg B 3%
#uBf > PL peak i & & B R ey 362 nm #Y
NBE :R3E12 1% M5 5 54 R B ¥ i fs £
382 nm &y Mg acceptor shallow level 49 DAP
3L > F1212 shift £ Mg-H complex 48 B
Z_deep level & 420-450 nm #4 3035 - &g NBE
R A A E AT IR R RN AR RS
#hon Bk Cp)Mg S mm st £ > B
X-ray data a9A8 3% — 24y 0 K M peak fix
B KA £ shuft #2308 Mg 2% 474 £
WE—ERAE HBEAKFESIARK
#8032 91 B AT RATAT A0 8 BRIR T 2 A48
o o B 5 & &4 F [Cp,Mg /[T et 45
49 Raman $1u3kag » B + 1KLL ]38 54514
8 Ey 2 A\(LO)IR By L3055 48 E PR B A
ey Sapphire HARSE > BoR HBE L H
K44 o #[Cp,Mgl/[II]] £ 0.0462 At (Bp
[Cp.Mgl=60% ) &4 # % € 85 > Ei(TO) &
A(TO) 4R #p 4% 23R 3R, > B Ay(LO)mode
A Sapphire {1 merge /£ —#2 - A LEF
MBS CORRNNAZHERRERX



H 4t phase 4o cubic 4y &R 8 - BB S
HrE CppMg R E X mi & E T I > B i
X-ray data & PL data ey % — 8% > £ ¥ &
ey kB EY L dom?

S A& & EF R 6948 % si(galllum
vacancy) i ik, GaN L 8 R: ey 425 > &K
AR ErER S CaAs,GaP 2 %
1% & F # 4 (1soelectronic doping) 4y & > 5
—RUBMREAFBETFHHET  ©H
AR EA GaN ZE & T F R E 24
(Vgo) o E— 2 7|38 bR H B E 9B 5 P
BR o ABEEADOYNIURZRBKRAT > R
B 6 Hall b 108 em”® R E
10" ¢m™ > X-ray ~ Raman ~ PL ¥ 2 % >
AEZPLF L ¥ 5 Ed 16meV 2L &z
10 meV > B % &F 44 BAARAEARE > A
B 7> ®huiRAEEEFHYH GaN g
%%%ﬁmk%mﬁm

B S(a) % —#& ftéRsgz B4 InN 4
ﬁiﬁﬁk&%ﬁ%%%%iﬁ&ﬁ%%%‘ﬁé@'f?
0 b 75 SRAE ZR BT R G a5
RN BB P o A8 B3R AR & R B AR Bk L iR
RE LY o HRKRREEZ K - &
# 2A TMGa & TMIn A €44 InN Eia 4
B RFE SRR > LB S(a) ~(b) >
WAAER AL B InN gATs -
12 H A A G o E A7 AlAsSb ARkt
H A RE 0y A K & & (growth efficiency 7,
um/mol)#1 & 8F - BB 9(a) ~(b) ~(c) > A
B 6y ko4 B 9(a) 2 A Rk F HHE A5
B M AFER TR 0 Youw B-FREEEE K
LR, SN B e R E S R Y
s EFR A B 8(a) ey Xim 4 ARG I8 E A+ 5
M 24T o3 fiyny %A % 15
1 BEBERAAGN T TN E EXFLEE
H7 InGaN &K% - B 90) oy ycay
+Ymi‘5xf§$—é A A KE TMGa & e g
i 2 8 4R 445 42 1300 um/mol - 32,87 B 8 (b)
4 InGaN 4 sk & it % 92 TMGa A € &R E b
& B E 4 0 M X' g TMGa £ 180R
T A iR R A HAEEEE 90) 6 Vi

Y- ey R BT X
AR R A Ve R EE X Ebﬁ(‘YGuNF:\a
TMGa A& &3 o f drik T ey A3
i 7 TMGa K183 i 13 R A Tz fanfo 2
YN AT AR 2 In & ho R 5 2 K & &Y Ga 5t §
@k A InGaN Bt > #io B 8(b)ay X'y
g TMGa A ¥ mEF R 5 THE - KM
B TMIn i & R & Yean ~ Vv %16 (E
o)) » AB 8()X X'mé R BN H R X
2, 45 TMIn AEdF %% bR In
droplet 24 Yy & K F PR T B A8 B
#8 InN %85 T & 12 InGaN = & kik £k
KA GaN REE > dvgw A RBERE
TMIn A& mecs B TMGa R € R
% 77 40 InGaN % sy Kk ik 24K €% TMIn
MEDE - b A KRAERYTUARNHEE
InGaN = t4+# 2 In [ & 48 5 69 @A R &
el o

e AR RAL R 2 HN RALSEM R B &
R AR E NH; o R R Fi
sapphire X ix Zx @me AR FHTEHLRR
JE o %/ﬁk%aa*ifﬁ %‘;F'Jﬁ/\InN /ﬁﬂ?’-ﬁilﬁ
HERAPUEGAN E 8L RIE—3 - &
ey R bRE RS T o4 1000°C 8y 848
FEadr A0 »4E0) R AERER] 0 RE 1011 >
b & GaN & & 46 % A7 f 2 1 b
M2 néadkdrsb Ky RAudEe—
SRR REXEFEFEE A SxI0¥
cm? > EFBHEY 220 cm’vs  Ey i B3k
e Era s 45mt .
w3 ERRAE

BAr &I E G p A 4545 GaN &
Bz Mg st E ik ETiE 10%m™ %% E A
TR T2 — BTFBHEF L 300
cm?V g » pbop » X- -ray ~ PL #v» Raman #4 ¥
D REA REHERR > LES EE S
ByKE o 12 EGaN FEpngay s
R ey F 1R T T B4R — o BT TR 693K
X2 BEFRAER AR o § &R
o E R & k&% & (growth efficiency v,
um/mol)#7. 4 & A2 12 £ AlAsSb = U k%



%] > fefadEE A8 InN g A InGaN = TR &
&% TAHEARA K 0 5% InGaN =T
kB SHMADRGBBALTE - EHRA
fb ik 32 & 2118 2 RALSR A B 69 B AL
MY REKE S MEBFAEINSRYE
e e InGaN 3 Bt f g2 b4 £ T
T AR YRR o
B~ 5 R
(1] C.K Shu, J. Ou, H. C. Lin, W. K. Chen, and

M. C. Lee, Appl. Phys. Lett. 73,641 (1998)
.0u, W.K. Chen, H. C. Lin, Y. C. Pan, and

M. C. Lee, Jon. J Appl. Phys. 37,1633 (1998)
(3] W.K.Chen, Y. C. Pan, H. C. Lin, J. Ou, W.
H.
L

-

(2]

Chen, and M. C. Lee, Jon. J Appl. Phys. 36,
1625 (1997)
M. C. Lee, H. C. Lin, Y. C. Pan, C. K Shu, J.
Ou, W. H. Chen, and W. K. Chen, Appl. Phys.
Lett. 73,2606 (1998)

5] Y.C.Pam,W.H Lee, C.K. Shu, H C. Lin, C.
I. Chiang, H. Chang, D. S. Lin, W. H. Chen, M.

C. Lee,and W. K. Chen, Jpn. J Appl. Phys. 38,
4016 (1999)

WK-2000
10 ; 10
.
1 W i
e u
5 -
3 o o1
<
@ 001 . 0.01
)
= . .
@
= .
H
]
4L JE
001 000 001 002 003 004 005 006 007
[Cp2MglI[TMGa]

B 1 [Mg)/[Ga] A& [H]/[GalZ A 2k @k bt % 1 CpMg 4 A % 8 SIMS L2 ]

(@ CpMg=40% () Cp:Mg=100%
[CpMgJ[I}=0.0308  [CpMgJ{l=0.077

(b)  CpMg=10% () CpMg=20%
[Cp.Mg)[I1=0.0077  [Cp,MgJ[ll1}=0.0154

(@)  CpMg=2%
[CpMgJ[l}=0.00154

B 2 KRR Cp.Mg #% A &2 GaN:Mg # Normarski F #%
(morphologv) th#; &l

KAZBMSBEZ RO &

17 4500 0.0z 0.04 0.08 o ng.zm

5.205

5.200
17.30

5195

5190

17.25
5185

Diffraction Angle (degree)
Lattice Constant (A)

5180

17.20 5175
0.00 0.02 0.04 0.06 0.08

[Sp,Mg)/TIl

B3 KRR Cp,Mg# A& 2 X-ray data 148 % i 2 & 4% % b i B

[ER MalTT MG=]
o

LA -

4 000385 s
i

o077

o155

00154

0231

=
0002 i
!ﬂ%ﬂ%‘

a7

Intensity (arb. units)

450 850 50
Wavelength (nm' ]

B4 KR E[CpMgl/[TMGaliE §F b 45 4 i B bo 5] 2 PL 638 44 L LL i

E,
sopphive E,(TO)|  sapphire  A,(LO) Sapphire|

/u “m]‘n/ 0.077 \ J
e o A 00 A |
S . B
X15 0.0208
0.0231
0.0154

xo2 001185

Counts (A.U)

x4 0.0077

A 0.00385
A 0.00154

L T L
400 500 600 700 800

Raman Shift (cm™")

BS KR F[Cp,Mgl/[TMGaliE b4 4 5B & th 15 2 Raman 3% 84 AL b 8 B

B 6 (a)(e)A TMIn 2 0,0.22,0.44,1.1,2.12 umol/min 7F [l % % 2 48 %% & 743
GaN 3 Bt 61 SEM % @ 5 8 (morphologv) Eh &5 8l

3 wfm
g L}

“r Tm 15K
2|
00 05 10 15 20 25

I TMin (umol/min)

A 1, TMIn (umollmin) Vi
ﬁ JVARSN,

~Z

1, FWHM (m

/2J
N\
A%\

f/‘ A A
NARY \~
10 L A
2.12
\,\ Y
350 360 370 380 400 500 600 700
Wavelength (nm)

J
J
/

PL Intensity @15K (arb. units)

f%ﬁ




B7 FREAEZINERE T4 GaN M ey KB (T=15K)PL bz

T T T o "
03 o3 12
B b @ 108
L { ¢ H
w3
L y 43 3
< 0.2p= -02;" 063
£ F > 4 5 z
S ] s [T
3 - = =
a2
01 o132
n 13 . M P
L ] 0 2 4 6 8 0 1z 14
L p T MGa Molar Flow R ate (umolmir)
o. 1 M 1 M 1 00 o o
700 800 i N N
Growth Temperature °C) Joso
- °
o2 H
dos3
: 2
dos s
o1l 5
/th_’ 1.2
B N N N s
o 3 4

B8 InGaN A% &) S48 i A (X ) A A Btk E (R Al (0 % BB Te »

(DTMGa 3% & > (c\TMIn 3% & &4 Bl 44 8
80

0 750 700 650 600 (C) —TTT T
T T T T T 5000 = -
_ s E i Lo
IS e i
2 _ 2000 — S =
83 5 E1o00 p L
i = H
£ 1000 fp F =&
£ < Rt 4 E
3 sof E 3 Fon
5] Ton &
r 200 -
200 | 4
100 100 L — L L
09 10 1 12 o 2 4 & 8 10 12 14
1000 k) TMG aMolarFlow R ate (umolimin)
E
E
100 N N N
o 1 2 3 4

Min Molar Flow Rate (um alfmin)

.
B9 InGaN g giay GaN ~ InN & &4 F (Yoan * Yon) 231 H2(2) & &8 Tg » (H)TMGa

% & » (c)TMIn 3 & 64 Bl #4
ez e
B . T 1000%C 5 ez 1822
5 N §
2 3 e 1822
8 £ 1e21 1e21
§ §
8 1e20 1520 g
5 5 1e20 1e20
E 5
3 3
250 250
250 o _ &
200 20 § 200 ~ 200 S
& \ =
150 1502 150 \ 150 2
= \ s
100 100 § 100 \ 100 5,
< \ &5,
50 o o 50 \ 50 -
& o o Z
o o of e —a— e o
0 3o m ) 0 oo sto w0 o0 710
Nitridation time (min) Nitridation temperature ('C)

B 10 InN # g R R A AR SALR R B 11 InN 4R R B R SUAL R 2258 %
2 (aVE B AR (D)R S % 64 1A 44 2 (VE @R R R (0)B A% % 6 W44



