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To probe local carrier dynamics in wide bandgap semiconductors such as AIN and high
AIN mole fraction AlGaN alloys, the use of spatio—time-resolved cathodoluminescence
(STRCL) technique offering high spatial and temporal resolutions is preferred, because
electron beams can be focused and implanted into sub—micrometer to nanometer regions of
interest. In this study, we succeeded in developing a novel front—excitation type
high-brightness pulsed photoelectron (PE)- gun driven by femtosecond laser pulses, and
the STRCL measurement system equipped with this PE-gun was used to measure the local
emission dynamics in GaN, AIN, and high AIN mole fraction AlGaN alloys

SR E
(EHHAL : 1)
T FEERE R &
SATIRERA 3, 000, 000 900, 000 3,900, 000
BFIRAE . T¥
BRSO AR - MIH . BRETTYE BT - BB

U — KA TR, BRE T = & MIGRE T8, DA K50 K%y » 7Rk,
R ZE R R SRR, A

1. WHFERIR Y I DT & JC e A RE VBT D, Tbb, T/

& A 2 B 1T DRSO KRS D~ 7
7 REae s RKKaIE, T A — R LB ORGHIEE
WCRAEL, $v U 70NOBEL LI
FEAEAHLE LT 20, RIRITTHEES
T, SV OfEE TV EAT D, —
7. FEIEMERE & IR 0 2 WE R T i I IR E R O K

A B D UG Fa & IRl a2 E &
(b9 5 Z &%, MEIAREOFEIZ S T /314 A
AR LIC L METH B,

e - ZERIRIRE D RETHIE E LT, 7= A
NS FZ BT AL —FEREIERICH
VN, B E TR L U CEIRI S EA T



P25 G BEAR B (SNOW) iE R E WA THW S L
TWABR, ek 2179 LR, Jibid rTgEAn 2k
HA R IR R ACHIR S A, & 7= Z2f 4y iR
REIE 7 m— 7 RIKFET D720, b fERIX
BPNTHHET mm BETHD, /2. WEHE
WIIWRINEWN (FHEAE) THDEW D HIR
LD,
ABFZETIL, SNOM 2 L B EHIN A S Tid7e
VN, BRI O D SER O SR PT R L 2 A )
2T AEFHAIT D PR AR, BRI
MR 53fi 7 > — KL 2 % » & > A (STRCL)
HiE OB & EERBL 21TV GaN, AIN, &
AIN E/V533 AlGaN IR D RFTRE X A F 2
7 AFHAE{T > T2,

2. #FFEDOHW

(1) ZEHHE 2SSO EHZ S % v U 7 Zfabitd
TXLLO0D, FAENIEFICTREE e,
T o N N~ a oL R TR AR
ExED,

Q) EFRANREFBRE T ) A— FILEBEOMK
/NGRS EE R L C STRCL EHMll 1k 2 4%
B ST D,

(3) 243% STRCL ¥ & % FU >, AIN <2 AlGaN B+
HF 7 & ORI & AT o THRAL S DR E R
Ma7s JEHE S H 12 5 2 D o ) /) HEdE
B A APEEHFEMIC G 2 HEEE 50
W29 5,

3. WrFED kL

(1) ABFTEBIAARTIX, FBhiE L — W RS T &
EHNOEATE 2 EHANEONE
#% (PE-gun) Z VT -, 2 & il LT
Sl D %hE G AR S o &
FFCE Dpim AREEZ H, V7 Au
(BEHOHE) %ttt 4 5 PE-gun % B
FELT-. BARRIICIT Au BN 2 22/ NI
B LSRRI LB T T 2 2@ L
T7 =5 MY ALO,TI L—H D 3 i
WA R D & BT U C e E oS L
R B R SH T,

(2) Z B B RINEEHE & — R EARIRAEZ F5 o
BTN T LONEFFAETIZ (1) THZ
L7z R—y 2 8# L, 2k % SEM $ifa
DRI ST D FIC LY | SEM &
B LN DIRET D/ Em Iz v
AEFMREERSEDL LT LT,

(3) PERT O AHITR &t 24T 9 72, %
THEFEOEREFZITV, KIZ GaN
DR alal v o> SEMA& <2 STRCL 5+ 24T - 7=,
IS AT AR O Em MR L A HERR A N
VXY v INIEL T2 L P L—HFD
BT Z N D SNOM TIRBIIEE RE DS 20K
BT 5 AIN R AIN E/LSEDOE AlGaN
READINE A T 2 7 ZAFHNEATV B F
2B LB E b IEE S PR G A AN
e & AKIE O WE I A A A O BIAR &2 5

EREI LM EEETRREICESTF vy T S B ONZREN S B MR

(EEANSEFHEMELCARTRECIDILNE
FRULREREL, (2)F/A—FILEAORUNMESICRET S b SEE
LIS TRMEMBE S BA RS AT LERST 5, @) [, TS
DA F T RERT -/ BEOHMEAL TR FOME s
RIEE A M F IR I F 1= 5 3 SBEE, + /1 ZHE
B AR EN RIS R A BEERT S

T LB AR FREES

b DAy T LR RT T/ RE~DER
EOERIED E
BRI S RCLS A M REE (EEnZAEE)
(H23, H24% ) O2FUFILEIRL

OFL L BFE S TP AL —F B Fe$RES /#EER AR (MOVPE,

EHEEI-LARRT ULZRE NH, MBE) e
OfBANRESBEETRENS O Zf[E) 8 53 AZCL(STRCLME D EE

5 - OLEEIER MRSBPLITRPLEBLU
OZBRRFRMELERFH =L /8 .
S~ OETF RIS ZERFARCLSRCL)EIE DERE

OALABTHIZESZRETROER

1 AFFZE O HEE R
o, BRI OBFZERT 2 X 1 12T,

4. WFIEEE

(1) AT A SR PE-gun 12 % % 679825
Rk 23 I T 72, i AR PE-gun
Z Tz FER & BERMET A8 U, PE-gun %
SEM #E{# (2435 LT STRCL 4E8 & 4 554,
HERFE TSV A OFUEHL E C O REFATIE IA 3
2B MZ DR, WIBROET E— A
ERZMSLITETRVWERLETHDL &
BHALMNE I o7-, F£7-. SEM B OfifEEm
i, BRI SR EFEATL, 2 )
ETHERLUOE L THIEDRE2 LT 5%
NEETHIERDLN- T,
LRLOMRRAE A, FHEICE 2 T\
BRBENEFHEERAWD XA 7T,
FmbE ENTHEL BV, Au O LLBTE
VM Z AT 20 S 6N L CORE ik & 8
DHTH AN T = A M FP PE-gun BHFIZET
L7z, EEOM&EREZK 2 1277,

) S -
Mode-locked Pulse |0 THG ]
ALOq:Tilaser | ‘plcker_H_ 3 ~250 fs, 0.8~80 MHz

- 235 Jieny? (a pulse)

STRCL data

Bulk Au photocathode
(damage free)
PE-gun

Vyor: 6.5~15kV
lp:0.5~200 pA
<15.6electrons/pulse

mapping | 1~
image Streak:

Lig. He flow-type
10K~ 300K

camera ‘<7, s
<"4 x,y, z stage | Cryogenic cooling
Vol stage
[ededs] SEM

Spectrometer

2 FiTHE KT PE-gun Z#45#; L 7= STRCL 3&&E

10° Photocathode: 20 nm thiclg Aq

7L Vae=12KV
Voo =7.5KV Sl
F -

220 nA

=
o
4

=5
o
&

] sFront excitation
F =Rear excitation 3

PHOTOELECTRON CURRENT (A)
S
[
L
E
-
-
L]
L]

_‘
5 3

1 12| 1 | | N M
10° 10+ 10° 102 10"
TIME-AVERAGED EXCITATION POWER (W)

X3 mimm ASE &35 m A S PE-gun OMEREILER,
W~ 7 75 —0 v 7 CrHl LT BB
FBiEHIX Au 7+ N Y — R&ERhR$ 5 L—WH T,



ZORER, K 3R T LI, EARER
ATV VIREE fl&&uimwﬁwtﬁ
ZHRYHED Lo, EASREFE
A%Kfék%lﬁﬁt$¥%$%4ﬂﬁ
LTI HRENFKIEAAL AD T V—"T
MHRENTZN, ZOFREELFE LR,

(2) BT B8 PE-gun % #8534 L 7= STRCL #H]
FOPERE
2 I RTHEBE AR CCEN L, FHEff
IR DO R BB 3D GaN %it*ﬂm) SEM
BEX 4 17T, oo, im AR
Pﬁwn%%ﬁbtmmm*%fﬁ L 7= SEM
BHrT 2 KETRINESOLBZ IO
?\‘*“57%@@%/“@/‘5) BH & 7>3Z PE-gun %
A NS AN U2 A RN m < o
TEBY., TR, #Té%@f%éﬁ%
NN (ThbbT7 RX—=F v P+ A4 XD/HhE
b\) MG FE R S WEEZ R L TWD, £7-.
BIENEL o285 —DDHEL LT
ﬁmLﬁ TO SEMREBEMAFIREIC 72 o 7o b
ZIF o, ECEEROMRIENRFEI TE 71,

FHEASFE Bl E)\%ﬁﬁ

Vs = 6.5 KV

4 iR X ORI AR PE-gun fEHIZ XL 5
SEM 4 & L

(3) 78 M B i i A B8 PE-gun A fE#E L 72
STRCL FHHIZRIC L B GaN o+
[¥] 2 1277 L7~ STRCL #:{& % V> [ 4 |2 SEM
%R LTz GaN DR KRG R A A L EfFodEt
WEAT > T fERO—F %X 5 12777, X 5(a)
/XK SEM £, X 5(b) i%/3> Rl (NBE) 5
DE~ v B T A A— Jﬂaéﬁ%éw>
X 5(c) X X5 (a) DALE 1-6 12 75%%@
27 bv, K5 (A IILE 1-6 1281 5 NBE
%t@ﬁﬁAmcunv%rﬁ'%M@ iﬁ
WCRZ 72\ il L 0O WGATIC

7?/7%L% ﬁiﬁkw%%f?é%ﬁ
HENZ B K9 2 WA, sS85 (b) [CBHZE |
AffbEnTnb, £, A7 MVEIRIC
IZBR TR — TN S DD, |IEOIE
Fm GERAFE P LOBEIIKTT D)
(CRERENDH D Z ENKB5(c), 5(d) 75 PE
iR CE B,

%%Jﬂf?%hémmﬁﬁﬁﬁmﬁﬁw
FHZFHRIL., ZORBITET 22N ED
BFRERE | SBEICBT DR EHFMOERE
7ay hL7ZONRX 6 ThDH, XHF D Sample

SEM (293K)

10 kV, 25 pA
1.95 electrons/pulse

1 7,(ns)

WAVELENGTH (nm)
500 400

& FTTrT - —
2 Fodak A Z
g : A : 1.77
- /A
10um £.8 7/ _\\\ g 3.29
NBE (293K) res S/ 4 ox 4 3.33
3 a4 N o
2 \ 2 1.78
w LL__/ A w
I - T 0.96
g 1 3 0.85
. L
25 30 35 02468
10um PHOTON ENERGY (eV) TIME (ns)
<0110> (c) (d)

<1120~
<0001>

X 5 GaN DR K K A A fED (a) K SEM
B, (b) /N R (NBE) B ORE~ » B
A A=Y (AGHRHADZ W), (c) LB 1-6 281
BIFFTCL A7 kv, (d) {iiE 1-6 1285
NBE %& Y D HE[# 43 fiF CL A5 5

L2OTF—Xi%, 822 250 GaNilkEnbd
HONTETHY, D= DIZH 7= K]
BEOHWGN T T L—h (77 AT
WD GaN = EfE) DMLY bFmNEL,
NFEHE,

X 6 OMIEEMRIL. NBE J& AR N =IE T
RN EEESFMICI VBRI TS
ZEERLTEY, HEEORmEE LT
FEHICRYETHD, T72bb, STRCL 2BV
TH B ZBREFED OV ANGS =0 1005 2 {8
THIIEHFI LRI LTV D &Vt
b, Fie, BB TV CER O
FEMNRBLZ 10~40ns RETH D L3t & i,
ZOES, WMEOWMEMOFIZINE > TV D,
FFET SNSRI, RIETZITOFEICLD,
X6 HURffiTic 7 ey hERTWD, ARG
HTo GaN O GEHRE) FtFmB IO
SN ETFIREOREMEL Y b EVVE
DELNTZZETHDH, Thbb, Bl
BRET D2 T < FEEEE RS S TR0

DIEFETH D Ga ZE LB OIR\E )
100; T \HHH‘ T \HHH‘ T \HHH‘ T \HE
10’15 -

< F

o

S [

o 102 ¢ E
S

g L m Sample 1

g 10°% = A Sample 2 E

3 E o GaN template B
- r @ Macroarea record value

10% Ll il il

107 10 10° 10 10%
CL LIFETIME 7, at 293 K (ns)
X 6 GaN O FPTaHIICHE LN IZEIRICHKIT 53
RSO EMNE & T3 & CL I FHm D
BEfR,



DOFBINATREIC R~ - FHERTHRETH 5,
(4) B pim NS PE-gun Z## L 7=
STRCL EFHIAIZ & A AIN, @& AIN E/L%y
R A1GaN DA
¥ 5(b) 127~ L7- GaN DA & [EIkEIC, B
T A Y C o R =B Rl E A E =B L I VAR
WVEIK T NBE FELHED 2 T A FA
AIN B OVE AIN B4R AlGaN DA H 15
DBIENTE, BIELTHTIZ, F@LD
RRENE ZAILT Ty TIRRMRH D &
EZBHIDANTEH T v LR Bifh CL
SRR A SEM 148 & IToRdT, SEM BTid i b
B S NRWGEERIC, 7 T v 7 IRKRIpiEE S
ERT 5, CLREGRD 2 T A bR HL

5ND, ZORKRITEORE—MEZ2 0 LIt
B LahRom EEEZ i, SHBBHN
WETHDH, —J7. lBFELE Al Z %@@Ak

FMaloiENd 5 L& b5 3.42eV DOFRES
T, == —PDSOEE= > b T A MIIK
<. BRI > TWAERIEILE N,

marker
SEM image 5.90eV image
g
5.82eV image 3.42eV image
I!!!o1 I 0
© 30
10pm

X7 ﬁuﬁ)\%ﬂ‘” PE-gun Zf# ] L 7= STRCL % 2
XA, KiaksEDH % AN OIEIR 6. 5K 12817
LHHECL <y B 7,

PLED X 91z, SNOM TITA S ICITEHIT&
RV EHIPHTO STRCL 2Hl L EHTX T
D, RO BIEEER LT EWVWZ 5,

5. ERJEIRGLE
(RFIEAFRE . BHIE
(TR

G3ARRE R OSBRI EE 1

CMesEam ) G710
(D S. F. Chichibu, H. Miyake, Y. Ishikawa,

M. Tashiro, T. Ohtomo, K. Furusawa, K. Hazu,

K. Hiramatsu, and A. Uedono, Impacts of

Si-doping and resultant cation vacancy
formation on the luminescence dynamics for
the near—-band-edge emission of Al ,Ga, N
films grown on AIN templates by
metalorganic vapor phase epitaxy, &itH,
Journal of Applied Physics, Vo. 113,
(2013), FOJplIH
@ S. F. Chichibu, Y. Ishikawa, M. Tashiro,
K. Hazu, K. Furusawa, H. Namita, S. Nagao,
K. Fujito, and A. Uedono,
Spatio—time-resolved cathodoluminescence
studies on freestanding GaN substrates
grown by hydride vapor phase epitaxy, %
A Electrochemical Society
Transactions, Vol. 50, No.42, 1-8 (2013)
@ S. F. Chichibu, T. Onuma, K. Hazu, and
A. Uedono, Time-resolved luminescence
studies on AIN and high AIN mole fraction
AlGaN alloys, # #: fi, Physica Status
Solidi (c), Vol. 10, No. 3, 501-506 (2013),
DOT 10.1002/pssc. 201200676
@Y. Ishikawa, M. Tashiro, K. Hazu, K.
Furusawa, H. Namita, S. Nagao, K. Fujito,
and S. F. Chichibu, Local lifetime and
luminescence efficiency for the near band
edge emission of freestanding GaN
substrates determined using spatio time
resolved cathodoluminescence, % 3t A ,
Applied Physics Letters, Vol. 101, No. 21,
212106, 1-4, (2012),
DOT 10.1063/1. 4767357
® T. Onuma, Y. Kagamitani, K. Hazu, T.
Ishiguro, T. Fukuda, and S. F. Chichibu,
Femtosecond—laser—driven photoelectron
—gun for time—resolved
cathodoluminescence measurement of GaN,
HFHA, Review of Scientific Instruments,
Vol. 83, No. 4, 043905, 1-7 (2012)
DOT 10.1063/1.3701368
® S. F. Chichibu, M. Kagaya, P. Corfdir,
J. D. Ganiere, B. Deveaud-Pledran, N.
Grandjean, S. Kubo, and K. Fujito,
Advantages and remaining issues of
state—of—the—art mplane freestanding GaN
substrates grown by halide vapor phase
epitaxy for mplane InGaN epitaxial growth,
It A , Semiconductor Science and
Technology, Vol. 27,024008, 1-7 (2012),
DOI 10. 1088/0268-1242/27/2/024008
(@ S. F. Chichibu, K. Hazu, T. Onuma, and
A. Uedono, Collateral evidence for an
excellent radiative performance  of
Al,Ga, N alloy films of high AIN mole
fractions, 2 &t A , Applied Physics
Letters, Vol. 99, No. 5, 0561902, 1-3 (2011),
DOT 10.1063/1. 3615681




(PasR] Gre 140)
(Fifrakli 6 . —fiXaEE 1 5)

O AI)NEG—, driEa KRR, HACAR, P &8k
16, KR, MM Z2M, s, B dE i,
T B R AN S L BB A S L
R ZE o Y — FAI Ry REE
|2 &% HVPE il GaN JEAR O FEAf, 2013 445
ZISAWHEY 2 (30p-6G21-3), 2013 4E 3 A
30 H, #A LEERT, AR 1 IR
@ S. F. Chichibu, K. Hazu, Y. Ishikawa
M. Tashiro, H. Miyake, K. Hiramatsu, and
A. Uedono, Impacts of point defects on the
photoluminescence lifetime of Si—doped
Al (Ga, N epilayers grown on an AIN
template, International Workshop on
Nitride Semiconductors 2012 (IWN2012),
Sapporo, Japan, Oct. 17 (2012), Session PR6
(Defects), No. PR6-2 (oral).
® S. F. Chichibu, Y. Ishikawa, K. Hazu,
M. Tashiro, K. Furusawa, H. Namita, S.
Nagao, K. Fujito, and A. Uedono,
Spatio—time-resolved cathodoluminescence
studies on freestanding GaN substrates
grown by hydride vapor phase epitaxy, 3
F 5 |, Pacific Rim Meeting on
Electrochemical and Solid-State Science
(PRiME 2012), Session J3: Materials for
Solid State Lighting, Hawaii Convention
Center, Honolulu, Hawaii, USA, Oct. 8
(2012), No. J3-3956.
@ R, AN —, BHACAR], P S8k
16, BRACHE 95, R AFHAL L 2 LE 8%
AR Lo RER S i s Y — R v x ok
VAMEBIZEHBUA RN REy v FEE
o FEAf, 2012 K F IS Y B =
(12p-H10-21), 2012 4F 9 H 12 H, BEKZ,
TR I
® S. F. Chichibu, Y. Ishikawa, M. Tashiro,
K. Hazu, K. Furusawa, S. Nagao, K. Fujito,

and A. Uedono, Spatio—time-resolved
cathodoluminescence study using a
femtosecond focused electron beam on
freestanding GaN substrates grown by
hydride vapor phase epitaxy, The 39th
International Symposium on Compound
Semiconductors (ISCS 2012), Santa Barbara,
CA, USA, Aug.29 (2012), No. We-2B.2
(oral).

® S. F. Chichibu and A. Uedono, Time
resolved luminescence studies on AIN and
high AIN mole fraction AlGaN alloys,
#53E, The Fourth International
Symposium on Growth of III-Nitrides
(ISGN-4), St. Petersburg, Russia, Jul. 18
(2012), No. Th-1i.

D B HEE, FEE, M-V EEy -
RO R MaFAM AR, ISHAYETEET Y 2

YT m =R B 148 [AIRFEE R,
R, 2012426 H 14 HOK), 77 0%
2 —7 KB CRIRERR =S | KIRF

S. F. Chichibu, K. Hazu, P. Corfdir, J.
-D. Ganiere, B. Deveaud-Pledran, N

Grandjean, S. Kubo, H. Namita, S. Nagao

K. Fujito, K. Shimoyama, and A. Uedono,

Advantages and issues of  mplane
freestanding GaN grown by
halide vapor phase epitaxy for InGaN and
AlGaN epitaxial growth, FBfFi#{E, German
Physical Society (DPG) Spring Meeting,
Technical University of Berlin, Berlin,
Germany, Mar.26 (2012), No. HLS83.3.

(© S. F. Chichibu, T. Onuma, K. Hazu, T.
Sota, and A. Uedono, Time-resolved
photoluminescence and time-resolved
cathodoluminescence studies on AIN and
high AIN mole fraction AlGaN alloys, #H
5 # # , FEuropean Materials Research
Society, 2011 Spring Meeting, Session F,
Nice, France, May. 10 (2011), No. F-53.

substrates

(BaFE) Gr14)

(D) B FE S, PEHHE, T4 RN R¥ ¥
v TR O B B & IRE [ 22 [ 40 iR 5y
YEM) TV TAAL T T — g
(RrdE - Hige & I E RS 2 BdE R %o
WME R AR . B 24 &, 4,5 H &,
pp. 273-276 (2011).

(£ D)

(1) B ST K595 N R AL K 52 E S0 5 HE AT
[EFEHE S ORI | (2012 4 4 H)
p. 26-27 |2 STRCL & [X1%%: % fo

(2) 7 = 5 bRV ZAE A A T2 AIN -
AlGaN o IR¢fH) 53 i oy SeRT AR R B L C
2012 4£ 7 H1Z St. Petersburg TR S
7o A4 =AW B R E B S
(ISGN-4) D AFFFEH TR LI N & 3
TXEN, 2D Proceedings TH D
Physica Status Solidi (c) 10 (2013).
D F K T EE = N
http://onlinelibrary. wiley. com/doi/10
. 1002/pssc. 201390004/abstract

(3) TR — L —
http://www. tagen. tohoku. ac. jp/labo/ch
ichibu/Ronbun. html

6. WFFEAHEE

() Ao

B EHEZE (CHICHIBU SHIGEFUSA)
ALK « Lo R AT - %
WIEEE 5 : 80266907

(2) #rgE sz

2L



(3) HHEAF IR

PE A (HAZU KouJl)

HALKRS: - oW E R AR - Bh#
FgeEF&E : 30367057




