338 20184F 12 H

M/ —k
BB AR T A A N REGEHL D 72D O EHME
.................................................................................... %Eﬂ{g;‘lﬁ 3
U A RV RE v » 7ER AIN 2B 2 - Hi S aRoEE
......................................................... E}ﬁa&ﬁ’ l—-'ﬁ“lﬂng, Jlliﬁg 10
EERR
FEAIPARIRDL v 2 /SR - FHRF ¢ /XA« S p LN R e 18
%ﬁﬁé{%@%‘ﬂ%{ﬁ{i%&é .................................................................. 20
?Q*E‘%W ................................................................................................ 21

ﬁﬁ%fﬁ:ﬂ ................................................................................................ 22



Low Temperature and Materials Sciences (Kyoto University)
Number 33, DECEMBER 2018

Table of Contents

Research Reports
Materials Chemistry for Efficient Printable Perovskite Solar Cells
................................................................................. Atsushi Wakamiya e 3
Clarifying exciton recombination paths in ultrawide-bandgap
semiconductor AIN ««e-oceerreeereeereeenne. M. Funato, S. Ichikawa, and Y. Kawakami ---10

From Organizing Committee
Amounts of Cryogen Consumptions : Yoshida Campus, Uji Campus and Katsura Campus

............................................................................................................ 1 8
Concurrent Staffs Of the LTM Center ............................................................... 20
Call for Manuscript ................................................................................. 21

Edit0r7s NOte ............................................................................................. 22



Mm=E/—>b

mPEREEBA AL 1 7 A A b KM D 72 8O DR ML
Materials Chemistry for Efficient Printable Perovskite Solar Cells

A TSN D S8

ESNERE
FHR R RAE AT FE AT
A. Wakamiya

Institute for Chemical Research, Kyoto University

Perovskite solar cells using metal halide perovskites as photo-absorber materials have attracted much attention
as cost-effective next generation printable photovoltaics. In a relatively short period, their power conversion
efficiencies have been substantially increased, mainly due to the improvement of the fabrication protocols for the
perovskite layer as well as the development of new materials for charge collection layers. This paper introduces

our research progress on perovskite solar cells in terms of materials chemistry.

1. [EL®IC

T4, ABXs (A: CH;NH; (MA L %), CH(NH.).' (FA &%), Cs' 72 &, B: Pb™, Sn*, 72,
X:1, Br 2 L) OffiExE & DX 7 A A b RERE SR EHZ Wz T 7 2 A K
BEEEML) 23, WHARCK SR & L CRMICIER ZED T D, AKIGEMIL, AFEEERACH
W E ORI EM L RS, SMBOBMICLVIER T, Er>7 L XL Tk
K= X FREGEME L THIRF S TWND.

AKBEMIL, 2009 F MBI KO ER HIC X VG SN-Xe 7 2014 MPE (MAPDHX;,
X =1, Br) Z WM EE & L T W 2 6 R R 2 i & 3 5 [1]. £ D%, 2012 4F
2L, AR EFE O T2 B RTUOR G R SR O T S [2-5], LA WIE S 10% 2B 2 7
Z LT, AKBBHMOBRBMIEN —KITIERIL L. 20T KEMT, Hi2MEoR%
RENS OFIEFIEOBRBE N MESL, ZONEEHNRITERN LRI T EL, 3 TIZ20% %
M2 D HEERNENRE SN TWDRIITH D [6,7]. £1o, T OREELIZ 2= 54 & AT
LT, a7 AhA N EEEMEOEHEDESCTEE A T = X LD bR, KT 2
T A NEEREIS & DO NOBIRERINE S B 5 MZ e > TE 72 [8-13]. AR TIE, AKX
B OREE L HFREICOVTIHIIEZ RS & &I, 2k TICHc BHEMEZOEEH B EY
FHLA T & T ARG E MO BAFEIFIEIZ DOV TR T 5.

2. TINAREEEROTRANA FEBOREE

X7 AHA NKEGEMO K72 T A AELZ X 1 IR T. AV R—F R TiO, @ %
DINEDRE, AWV DMEIOEN IS 503, BRI, I8 & L THWDEE nm BE
TOESOXuTANA NgxE, T2 CTEKRLEELBS XOEFOK BN 2 RIRIICEY 19
T2O®D p B XU n O EKE TERATEHME TH S, £z, GPHEEMRERNOREET O
BIONEIZ XV, T35 A ITNER K O RIAEIE & L CafEsind.



(a) IRER:E DB (b) 32 BV RS DK

| WA or i) [WE@Ror PAZ=DL)

CHERAR AR BT (B MR . PCBMAE)

R EERRR OB pE M (PEDOT:PSS, NiOx %&)
AR (FvRF—THIERZ (FTO)) | AR (AXF—THIL1S00) |

HSZ or Frilhs HSR or Z1ilda

1. X7 AhA FKBGEMOT /A A&,

WTNDT A, AEEDLAE TS, BOWNHEEHRRELZED ETETHEIIR> T 200,
WNZE OB T2 A FEREROEREZFRTE 50 Thsd. ZOHET—KUTHEAT
ARKGEMDENFEIITIE, T 2AHA MNEOERFIEOKR - EOTENRRKE V. A
TAHA MEROERGIEE LCIE, MEIOWEKEZ BT 2 51k [2-5] O, MEE LZEKET S
J51k [14] <° Pbly JE |2 CHNHsI (MAL &%) OZRRZ BT 2 71E [15] e EbME SN TN DA,
a2— b to B — /L FRANDREREE WD BLEND, WKOBMEIFICEINTH L. ZORIKRS
kL, RELSOTT, 1) MBI OB 2 FEWICEBATT 2 —BERSAIRIE [2-4] &, 2) £F°, PbL D
R OBATIC L0 HAR I PoL AL L, £ O%E LR E MAT O 7 L 2 — LIEIKIZIE
BL a7 A NEETERT D BMERIKE [5] D2 OB b TN D,

3. BfEEL Pl MDA

KK ER OB TR E > T2 M 0NE, SCEEBNEN 10% & 2 5 KGElAHE Sh
TWEbDO, ZTOMmIXHTHLREDIESL SENKREL [2], FERICKEGEMREZFERLTYH, K&
BEBNRICHBEMEN G ON W EWIMERD-T-. o2 &1X, &6 EtERbicmir
ToHTZ 2 MBI BRSO A I = X AR e 20 5 ECREREEETH Y, FEIME L < EtkRE

Bo R A L 2 HANBRFE AN ERE & 72 > T

MAPbBL 72 & D~ 7 29 A R EHE, DMF (N, N- ¥ A F LRV LT X R) 2 DMSO (¥ A F
NVAVIRFV R) E Vo IO B WERRIRE . X <ET 50, KICULERBICHEMLTLES =
ERDho T, £ THAIE, RRTOKRCBBEOLEIZLL/EDOITL S EZ2MA D 2
LA BRI, BRI EIX A TRIEET ZAFMK[ Ty —7 48y 7 29 (|3, 7K, < 0.1 ppm)
TITV, AW DM B I RUE I fEd & AR R AITH 2L & Lz, Lo, HPomMm
AL, W% E CRHEETICHOTW MBI —2H 572, 99.999% (trace metal basis) ¥ O @il
FEDORIE L L TR I Tz 3 vikéh (PbL) THDH. ZDOFRMT, KRR BEREEKIEAEIT-
TH5H &, Pbl, D 1 mol/L @ DMF iR Zifi#E+ 2T, /' rm—74Ry 7 AHT70 CT—H
B L CHREICITRME S, IHEMAE-STLE) Z b o7z (K2a). ZOREE AW
TN T AHA MEZWEL TH, FRLZKGEMOCEERNERIT 5% RE LKL, R
oo THI<IicBELTLEI LD TH o, 2 TH~LIE, SN L— KD PbL DD D
0.001% DHIE ZEEVY, HTIRD POL IZEENDKDEEZ N —NT 1 v ¥ —if{E TOHE LTk
B, W= Z 222000 ppm b OKGEEGTeZ E AR Lz, O PbL X, EZE5M T TS
(402 C) UL EORETORIE « BET D2 LICE - TERGICKHERTE, Zhick vk EIE 100
ppm L NICETRETDHZENTEL., ZOBBLZPLZH WS Z & T, 1 mol/lL DB 7
DMF AR &2 B/ ICiiIE T &, ZORREAN T a7 A A Nz i+ 2 LT, 10% %



%2ét$£@ﬂ4%%otw$mﬂﬁﬁéi<W%T%é &M nro 7 (X 2b) [16]. 1CP-
MASS Z W2 tB o Hric L0, Fox O FIEIC K 0L L 72 PoL 1%, AKBBRE S 727210 The <,
JLFRME b RN miﬁé EBRER L TWD [17]. BUfE, RFIEICK VL PbL X
a7 AhA NABEEA R & L TEAREA =D = o dilfb Sh, Ko TomUaERE L L
THENATIAS Db Tun s [18].

(a) pbi, HiRLE: 99.999% Pl (b)
(REpdmLe) O a
r o - P,
g n- PCE = LLYN
o< "‘
E .l
anl s =
Hﬂ" < T pgms E
E
'U "y :
5] HAR ! Lt
(< 1 molfL) (A 1 mol/L) Voliage / V

2. (a) Pbl, DE /K E & AR~ OEFRIEDE . (b) X1 7 A A b KE O RE
-V #i#R) - AR E R E (it & DR EAE Jse) =21.0 mA/em?®, BHACEIE (Bl & D325
Voc) =0.96 V, HifRK+ (FF) = 0.68, 1 sun = 100 mW/cm” DY EDEE, SeHE AL #%h=R (PCE)
=137% XD 3 >oHNTE TR SN S.

4. ROTRAA CHHEHOXMEERBEAH =X L

MEO@MEIC LY MEOEmWa 7 A0 A FNEEROERMER TX 5 X512y, =
o ERWTHA 2 EIET 2 2 L T, AMBIORHESHEE A = X LR LMk
TE 7. AT OENHIZ D L ORFEMIEICL Y, BLrpEEFEMcRiTo2 2T, &
MO SEEEH% OB IRIEZ B 52N L7z [8-12]. #lx 0, FiER FIC/ER L= 7 A h
A & (MAPbL) OFEHI LT, 300 fs DI L 2 & ME L, %tﬁf%t%ﬁ%%@WMk%
DOWFERFH Z A L7z & 2 A, b E#ORBNREL, BT 5L —VF—0iED " FiC
WTélkﬁb#otWL:hm,%6nt%%ﬁﬁﬁ%m;5%@fmﬁ<,Eﬁ&ﬁ%&
DEMEEICELDBDOTHL Z L EZPEICRTERBER THD. T7h0b5, RMEHIERIIC
D7 TiEe <, EAEETFOZ7)—Fx UTZERLTNDLIHDEZEZI LS. %@Eﬁn@?
TRNAF—H 6meV ERFED LI [10], BIRTHDICELLEEFITHBEL TWD Z ERIBX
ﬂf“é.:h%®%@ﬁ,*%K%E?Q%ﬁﬁﬁHMmk@%ﬁ%Hﬂ&ﬁ%E%KER
D, KEBEMBE BT IMOTHMRETHDL EEXD. Flo, RXa T 2Ah A MET
X, Eﬁkbtﬁﬁﬁ)%ﬂ%“h%b‘%%fﬁ%%o[13]. IR EHbETEZLDL L, X
TAHA NKRBGEM T, BE m ORI OREE R IZHWESEATHLRIEETD
TEHLELKHEMTED. ZROO/RRND, KARGEMDOIEA =X 2%, K 3allrnd L9,
JRINZ L0 <7 29 A NEWNIZAR L 7= & B 2 EALI L OE Fk g %/ L& B~
FEINT 52 THRETLHEDEEZIOND. ThbL, LELWMNFELILIZM EIEL72D
I, WZ_e T A DA NETAER L2 EFLE OVE T 28R 0 L T EMm~ & 2%
BB DN T R R A BRFE CTE 20N EHE L 72> TL 5.



(a) (b)

{ W {
. L ) M SO
: meual ' " = o
$60-250 pen d w ﬂ' = o~ bm
AoF2h+-N A S no g
(7 300-500 nm " . b Y
@t vyy 2o | {‘ 3 =0
"\. ﬂ' L - o | L]
|| A ) o O
ETEYREERAL: R = O-octyl
pEAMYBEME HND-Azulene

3. (@) 7/3A ADWriE SEM B & A 1 = X L. (b) WSV EHE & HIV T2 p B B8R

5. p BYBARMM DR

— Iz, NERIAEIE DR TiE, p BLOBEAEEEOME S LT, Spiro-OMeTAD & MEEILD A
BB A B DR B E L THOW SR TV D, AALA W B R 0 10 35 55 B8 RS 3 i oo 16 4L
BEPEM B E LCRRE SR b 0 TH Y [19], BiEa A b3EL, ZOEABEEDS 10* cm/Vs
FE[20] THLHRE, LVENTZARFLERMEIZERET 2R/MIT+2ICHD. ZNE TS,
N T A A NKGEMOF 7272 p BB RE ML LT, a7 A B O B A
FEMTEFAL LTV DAY, Spiro-OMeTAD % ¥ 5 7 % KB MR 2 7% 3 BHIK SRR v T
LR THD.

FITHEAIL, ZNETIS, AEEREERMEIOME OER E LT 2D T & T
S [21-25] ZHWT, a7 20 A N KREBGEMA O p BA B SRR OBIRICE Y M AT
TR h G S LR A E S 2 4 DA L 7 AR 5 - (HND-Azulene) % ikt + &
B L7z (2 3b) [26]. AMEEE~a 7 25 A b KBGEMO p BEEEEE L THWD Z & T, it
D ERIRAERE % B D Spiro-OMeTAD % W 2354 (FIAEEIE L (Jso) = 21.0 mA/em®, BHILFEIE
(Voc) = 0.96 V, HIFRIKF (FF) = 0.68, JEZAHLNZ (PCE) = 13.7%) ([ZH~TH (K1 28), Frizih
MR- L BB IE O BT, WBAESENRE M ET5Z L& B L7 (Jse =20.7 mA/em’,
Voc =1.04 V, FF =0.73, PCE = 15.7%) [26]. F£7=, —EOAENERBIEN O FEEREE & KE
MR 2 BT 5 2 L Ic kY, u T2 b4 b REEMO p BASEKE R L L TR
HILDYNE L MBI ORRFHESIZ A ST 5 2 &3 TE 72 [26].

=07, RMEHE AW KB OER O REERF 2 ED 55T, a7 20 A MNgorER
FEDFENIE>Th, KK, CEEHELERM ET 52 L bHLNITR>TE . AHRDXE
BT T AT A B T BBEIRIEE O TERLL T s, s BRI —BERSRIRIE (X 4)
EHWHZ LT, KV PHEORWE T AN A NEEEKTHZ LN TE, Zhickh &h
IR WHBEBEBRDRNELND Z LRGSR TV 5 [27-28]. ek BRI O — Bk & i, 2
07 ANA MO & G REE A a— T H5@RP TR U EOEEL (a7
HA MEIRETIZS WABE) Z2I8RMT550THY, Wbhywb Ly b v=71
TIEEENRD O THD (K4). AFEEZHOTER L=< 7 204 MElZx LT, HND-
Azulene % p B EHZH W= VBRI L7 & 2 A, SEBAEBHRIT 16.5% (Z1f L L [26], &5
b 2D D 2 ET19% LK ICETEL TS, AKGEmOSMERELICIE, 2T
A2HA NEOIEEIEDRFEIE PR+ TH Y, WEORMAH L Z LA TRRT HHERTHD.



6. ARE—EEFREDRHEL

Z 2T, W& 1T RO —BBEEIE DO REAICEIY AT (K 4) . KFEEZHND Z
& T, MAPbL & Spiro-OMeTAD & o 7o BEVER 2 64 B 2 N T2 RIS EE L T % 20% A8 2 5t
BEBNENFOND X DI > T D [29]. RBMIEIZEIT280%, AW DIEE OB L,
M EBRIEOTR O A I 7, Z DR OMBGERRE TH L. RFETIE, A a—
METRRCITEHZRER S D, #< 100 CE TOMBGEFE TE B\ a 7 20 4 FE~ L
WML T 5. B R IEIL MALPD:Is-2DMSO [30] & Vo 72 i RHASE A DO FE R IC ke L,
WA DTN E MBI OEMEEZZE L ERIRNEECH L. o, AWEEORMO K 1
YL, AV a— METRICERARERSOND K51, ZNENOEEEREIN U T
6T 20BN DH L. FlxiE, Fex 23N A v 7 A9 T DMF/DMSO (3/1) DR E AWic8a, %
DHEAITIX 1 BDEALCTHREREDLIEFIC T o ABORNE D TH- 720, BFTHDL
NOMEE LoD EBBRLAENLEETDZ LT, Z—7HNOMES N EMEREKGE O ER
EHBTLIENARETHD. £, BAIIAFIEOTZOOEMED N7 29 A ~OFIERE
B (MAPbLI:»DMF) DERFEIZ & T LT 5 [31]. AR EHISEATH S Z & ITHIK L T,
PR D Pbl, & MAL & N ZHIRE THWAHAIZH AT Y, SRR EZHO0NCE T 5.
ZORMEZRTEN LT, AMEIO DMSO ik M2 2 & T, IVJAnWTri AME T a7 2%
A MEERIET D Z ENAEEICR > TS, 2D XD 72— D EWEBMEDORRIX, KK
B ORI Z R AN RERE Y 2 — /L ORET 02 ZOMFICHmO THETH 5.

ROFTAAA HHH ABROET

N)FE?&DMF. DHSO % & \( FLIS, SO0RLHYEE)
‘Q é 7=—il
—o =) — V4
2 ¢ @2 q )
AEYO—k 2AE¥va— R EE AOTAhA FHE

4. B — BBV IRIE.

1. RATRADA FFBEARMBEOBRBERT ) —RAOTRAAhA FREEM~DERH
AKBEMTHNOND ABX: RO 7 A0 A NEEERMENE, e 72 h4 MEEE
KT & DA K (Tolerance factor) % i 7= 9 #ilHH CThk &4 I A AV AfA G DOED T LN TE,
ZHICEVEFHEEEHIET 22 ENAEETH L. HlxiE, AVA NI FA L LT, MA"D
RbOVIZHLIDLUKREZRFA  ZHWDZ LT, N RXFy v TE2/NSILTHIERTE, 20
JEWR LG (X MAPDL: @ 800 nm 7> 5 FAPbI; Tld 840 nm I F TR E/LTHZ L TEH. X
TATA SO & ZEMEOR EOBLSED B, Cseos(MAo17FA0s3)0ssPb (TIossBroi7)s [32] 72 £ D
BEDOAF 2 2IRE LIz mixed O~ 0 7 2H A MfEHE AW T2 KB T S AR ERIC 7
DoOOHY, ZHITKD 20% Z#E R D INEAMRNRHRESNTND. Foxr b ZHETIZ, M
HICBA%E L 7= @i B L RiTBRAA R B (FAPbL-DMF) [29] % BRI A & L 72 mixed B~ 7 2 77 A
FPERE FIDT, 21.2% OEBEEMSNRZZM L TV 5.

#h (Pb) & W eXm 7 2 A~ KB O SRt e — 7T, $hOREE~DEENfEHE X
NTHEY, KRGEMOFZEROBLEIGIX, BEAMODRNa T 2 A N KGER OB &
ZDOEMERIENRDO SN TS, BYA M T A D (Pb) 2 AKX (Sn) ICEE X - AR K1



TAIA NRBGEMNZDOFEMO—2L LTHIFFEN TS, LL, ZORBEBRNFITEKARK
<, BEIZ72 5T 7% %8 2 2 EEWRRNBRE SHAED TWDH SO [33-35], EOFHEMEHIX
WZENRHELE 2o TS, ZIUEN DA T Sn™ S L S\ BTz <, ¥
AR T AT A N OEREZE FEMEL AERTERWZ LICEKNT M ThH o 7. Tz i,
BANC K DWNEDAERIA I = AL %F 2, @iROBEEEOEA (HAT 15) L0 K &2 HlH L
7o IMEL (SVA E) Z M AGET-MA OBAMILIZLY, ¥R AXRZ 0T A0 A N EEEZ FHME X
SCEDLFEERFRELIZ[36]. ZNICKY, 7% Bl EDNEEE =% BB L R KEE
FRTED LR >TETWD. KORFEIET NS ZADERNATRBIC R S TR TH 53, &
BIOFEEL LI, $a7 ) —Xm T 2Ah A N KEGEMOBRBHESIET 5 b0 L MfFEh 5.

8. FLHLSHDERM

ULk, Ra7 204 FRGEMIZOWT, £ OB L AFFERFRIUZOWT, Fox OAFFEZ Ful
HERR L7, BRIROBARIC J 0 /ERT 2 A KIS EMOBFA IR TlE, B LWMEBR I T2 o
HNEOIERT LR L, WP T 7o —FREHTHL T LN LNIR - TETZ. KXEGERO
RIEIE, TATIT TOREBNEICE EELT, ZOEMEEZAELIEEY 2 — A bIERIL L
TW5h. Fexldk, IST-COl 7ry =7 FR°NEDO ¥ =Z N TELN-ZNE TOMEREE L
LT, HEELY T RFEA v FaX—ar7u s T 61 H) ICRIRES, ToFEAkict
FEBARIFZEIC B LA TV D, S4ED 1 AIZE, FERFRSNCFr—L LT () == —
N7 o mo— X (REEHEE MERER) 2530 Uiz, %1%, THT 7 COREBMEEZED S
Libi, EVa—LORET v ABAFRICH IV A, ARKGEMOERIZEBRL 20,

E

AHFFEIL, IST-COI, JST-ALCA, JST-PRESTO, JST-CREST, JST-ERATO, NEDO, 3 J OVAUHB
KREA LV FaX—varral I AOXEZ T UTbizbOThs. £/, BE 2K, A8
NG, RIHERIR, FAGEHS, FAEHRK, YA vzf Vot VFy— K ~—7F 1 —B#,
FREESBZ, B —8d%, FHEANR, @EBREERZ I OL < OLFEFFEF ITEHRT D
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Clarifying exciton recombination paths
in ultrawide-bandgap semiconductor AIN

i gE, WIHES, Il B —
TR 2R 2B TR FE R
M. Funato, S. Ichikawa, and Y. Kawakami
Graduate School of Engineering, Kyoto University

Dominant nonradiative recombination paths in ultrawide-bandgap semiconductor AIN are investigated using
temperature-dependent cathodoluminescence (CL) mapping measurements. The dark spot contrasts originating
from nonradiative recombination at threading dislocations (TDs) drastically decrease upon elevating the
temperature above ~60 K. This is interpreted by considering that generated excitons are captured by point defects
(PDs) before reaching TDs. Compared with other nitride semiconductors such as GaN, AIN involves much
more PDs due to the smaller formation energies of vacancies, which significantly contribute to determining the

recombination process in AIN.

1. [FC®IC

I FREEALW-ERIE, SCF@ v 1 R (Al Ga, In 72 &) EBR L DILEMYEKRTH D, £
DEILTO/NRY Ry 7 EEHIHAE) 1Z, InN D 0.6 eV (EEHK 2 um) 2°5 GaN @ 3.4 eV (365 nm)
ZF% T, AIN @ 6.0 eV (210 nm) IZE D ANTE R VT —HiHZ A= L TEBY, 20T & H1Rkkx
RGN EEA TS, B2 2014 0 ) —~UEZE ORISR L 7e o @R e F Rt
%A Z— K (LED) 1%, InN & GaN Q& Th 5 InGar.N ZX— 2 L LTEY, Inkkx Z i
UNZREST A Z EIC LV HFARICHYT O Xy v P2 - Tn5b. £7ikiETIE, GaN
R ALGaiN DWW R¥ v v T2 FH LIZ@E K H 5 VI NA RNT =BT 3 R THKRE
RIERDEESTND. HDHWVIE, ALGaN LI E 210 7> 5 350 nm F2E OREINE A S —
THZENTELZ NG, KRT U TERBEZTLHEANEE LTHERZEDTND. FF
WCHPFUSHZ BIET & &, TORBEN MM EZEEL, ZhzHlld o2 EnHEETHD &
EZTEBY, ABTH, AINIZBI2X v U 7THEAZEEL CODIRBRICONTELET D,

2. BT ILZI =L (AIN)

AIN (F, H|EIZBWT6.0eVDONRY R¥y v 7 EFFOZ &0 h, fERIT HERIA B2 60
TEN, RILIZR->TLED & LTHEET A2 ENTEUA ML —Ya &1, k) &
LTALESIT O D KOs TE . BRI T A 2 TIE, HEALTCE L EIL D RS
BT HEXCRNET DD, TOTav AOFMEZERET 5 2 &L NEEMERICE, T30 &
JICHBNICHEETH D, FFIZAINIZBIT2F v U 7T HEAWEICEWTIE, B L ELABES
DITITFRE RO TEEL LT F A EEREFH ZH > TnD. LoD, i FiiadTx



NFX—=MN53TmeV THDHZD[2], BT NAATEELRRIZBWTY, BN EEICTE
LY2A7=OTHsd. EEE, 7+ hLI %yt A (Photoluminescence: PL) DR JE KM DM E D>
H, BIRICBITH2FHIOERENSBEBEFHRILETHDL Z LB DroTWND [34]. £72, bivb
NOMERL LU= AIN > 70T, Rz, WEIEIZ I Cabk 7B i H3 B g
Bl S, BHEBEFREDIEINTHD Z &b ERMICHR SN TS [4]. (BT IELMHEA
TERRCBEE 17 + / A BEAEH 225 8 L 72 bl oA & O gt $17 > T\ 5 [2,4].) L72hi -
TUTO#Emwm T, BRoEFIL, BECH2 DL TAHBEFTHD Z L2t T5.

P Z N OVERICIZE SR EAMARELEZ AW, ZoHEE, (LAY EEERE T A 2
DIEHER 72 ERGIETH Y, KEREDX X VT HATHH M EEE (R AFALT LI =
Ly, NUAFATY L) EEFZHRETHLT =7 2 HMNR EE THEDY, £ 2 CTHEREEZEK
TEHRIETHD. T A ADOIERNEE TH 2 BT H e &, L G & SR <,
RELEETHIOICHE L HELE LT, IKKHWLRTWS. £, AIN A HSOs : HiPOs O
RAW (E&H 31, 90°C) T, 10 /rMLEE L CRImMILIEA FRE L2, 1 LICHEERK
FHAL R EEREIZE A L. AIN EAROFE b i 500X (0001)e i d> 5 W& (1012)r i & Lz, 7 2 %F
=7 (+H: ¥ ¥ U 7)) FHHEF, 1R215CTOBRLIIZ LY, X BICKEOBEEZ @D i-%, i
JE% 1200CI2E >~ b LT, AIN % 400 nm ~ 1 um & L7-.

B b5 (c BRO i) 2 W HH 2 RIS 5. Bk 0S8 KE, cm
FIZBW TR BRERN R ES THH Z ERNMLNTEY, 6k, T30 A2 ZOmH RICfE
RENTE72., —HFTOERICIE, =Y SmORBEAEIC X DN SRR EX 0T 4
TRMAE b o TWD. £ 2T, fEREDNERNAES T, »OoEn Y SAMKHCTE i &
L, cHE OB L mrEm sl 28E£ DTV 5 [5]. AIN ZMEHZ S W T, biubiu o
ZRETIL, rlZBIT DA HESMEROM EOJFFE[6] R LED DT EL A b —a v [1] &
1ToTHBY, AFaTbclid rim&tbic Lz,

FEMCIE, EE L THENY D AERENORIBE CRENERT Y — LI Xy bEUR
(Cathodoluminescence: CL) & Z FH L7z, Z O & T EEME 1 B SE (Scanning electron
microscopy: SEM) IZfJEL7=H D TH 5. SEM DA, EFHMNLHE LzE I L > TA
REND ZRET D REBEREZHFTND. —J, CLIL, BRI TS ETE
XN TR ST HBEOWHN TH Y, SEM [FER, ZEMSMHE (v B 7)) WA Th 5. A
JECHWZEE TIE, [R—2ENTSEM & CL MIE TX DM E 7> T D720, [R—EHT
TORMMB EFIGOBEREN LN ATRETH H. MHELEEL 5 kV & HROKTEICT S Z &1
L0, ETHREENSAHESESHBREETHRE L AINERNOATEZ 5 X 9I1C L.

3. CLwvEVYBIE

RFEW 22 IERE S FAE A0 & LT, 1) IR L= X 910, Ei@Esis (8 KK , Threading
dislocations: TDs) & fi/K [ (Point defects: PDs) 25 X 5 M ENHDH. 7hEIZHOWTIZIRT 5 &
LT, FFIETD oEFEALR~TEE 2. BURTIE, AINERAELZESHE TIE WD, &
H AR AL, IR Z B A TV D, AE@%LK%W?@,%@HﬁMﬁ@@%E
TTD PFAEL TV D Z L NFEBMEFBMEBRIC IV Do T D, ZOHMHKRD TD 23
ﬁ%%@%ﬁ&ﬁbk%m%¥%¢%ﬁ¢_%@%Té.
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(a)

Threading ow | %
dislocations (TDs) -do g 7
/ eridﬂlaym‘/ 0u_ © £ Df
| [(®] | -0 2|a,
Point
defects L _ ]
(PDs) 4 £ z |
£ s E
= [ i
--I - : T ....:r“.
i A
sul : (I, =0)
Distance from TD Distance from TD

1. (a) Bk EOfER U 7= (bW Rz 35 1) 2 RE\EM 22 IETRH .0 Th 5 Blisir (TD) B LV
SRR (PD) OBERSE. (b) it L7=%+ U 7 (b 1) 25 TD IS S N H RN |0 Ga, B X
O (c) bt 7723 TD IZ 448 3~ % HillZ PD IS S A 8555 O Wi ig X & 2 DR CL 2> h T A b

b 7 O FAE AL, TDIC X 2RSS A, PDIC X D2IFWEH LS, B X OMEAEHEA O,
FELTC3HEOTFHGBEOFE CIRESNSD. TD & PDIC L 2 IS HESOBA O T %
B 1(b) & (c) IR L7, K 1(b) DL S, TDIZE < Dbkt 72318 S 2R P Cix, R
HCLvy BT al-2RE, TD KR E L TBEEINDIZTT THD. —FHT, M) IZrL
72X 912, PD TOEMANERLEA, TDICX AR AN HET LAREERNH L. DXV, I
RN Z 72N &R, TD BN EZRGET D+ EIER0 2N EFNHL TH Ku.
GaN X°> InGaN TIX TD 2’58 & L THBIE SN D L VWO MENZH R I N TV H23[8,9], AIN,
&5 WIE ALK DO K X 72 ALGai.N TlE, FERMARMFIEN 72 STV o 7.

X2 1%, A THER L7 cBL O rE AIN O CL < v B2 Z G OREKREEOFH TH 5.
4 2(a) 1% SEM & T, #EEMITT OREO 2 WHRZREL TWD Z A REL TS, —7,
CL~yEUZIZELTE, KETIETDICE D2 T A MBBEINTWDN, REE B
L&, FAMPE -S> TN ZENbNS. 20X 5 2B4IE GaN R InGaN TIIBIZE STV
W2 D, AINFFEOYMERS D Z L 2R LTS, EMEMICIE, 40~ 60K TiE, b7 &
& TD &V TiX, TD THEHMIZHEEST 2R FRZ 0 olzxf LT, ERTILTD BF Tho
TH PD CHEHFMAT IR F DL TN ZEERB LTINS, EEMITHNITT 57290,
EHRX Y VTBHELREL, 2 P T A FERAD2R TN T a7 7 AL TT7 4w LT

r

I(r) = I, — Ipexp (— Leff>.

2T, b e LIFENENTD 25 B ISR T CL R & TD b T CL 58 EE Dk

Loy TchHy (K1), a2 b T A RN TD L OHEEr i X > TELL T KT I(r) %,

SN R PERR: Ler TREZE LTS [10]. JAVVREFRBE TY ¢ v M LTEEREZX 3 1R T. 28,
ay b T AMIL/L TEHEL.

MURIE D HIRE 2 BP0V, IEBEIT V- TmARLS 2% M 3()]. 2k, Bl g ¥—

DI X Dk 7 D8 & DIEMELZ R L TWD EF X b, ZAUTfEy, ZERMICE < BE)



L7272 TD I D 2 ONDMHEENEEDLT-D, TDIZEKDa LV T A MBRREL D L H
fiEd D2 EMTEL[HIb) BLUK3Db)]. —FHT, L0EEICL TRIRICIT ST & HEH
FRI3EL 2o Az L[ ¥ 3()], W FOZEMBEINRIEMEL LR, Kl DA T=X
AZEV T N TRARDNEILBRDEEDEEZLZD.

B ERIC X DIEBEOREDIE, BRI, ol AINIZBWTIE L oc T, r i AINIZE
WTIE Legoc T THIBTDHZENARETH -T2, ZORMEOREEREMEZEX HI2H-0, £
FUL, HEEEO AR T S,

kgT
Leff= VD T = i T

D IIIEEARER, X% v U T HM, pixX v VT BEE, IRy~ ER, TIXRE,
WIHEEMTHD. FERHENSFEIEA~DOERIZIIT A 24 A ORI T 5 L ARGE LT-.
TDOL, WEEEERSHLIDIE, bt (ETZEDLD) THDH. HEN LN DIV TR
AT DT, poc T ERDMEMNBDH D [11]. LB T, Lwoc T &2, ERLE
ERRERZHHT HI121E, « OIREERFEDEELREFEZRIZLTWDLZ RN,

X 2. (a)r fi AIN J& © % i SEM
%. (b)40 & 293 K CHIE L7= ¢ i
AIN DFEHE CL~ v B 7. ()60
L 293 K CHIlE L7z 7 i AIN O F
HCL~ v 7% 40 ~60K
TIXTDIC L ARF R BEEIND
N, BIETIXZEO U M T AR
FE-TEY, MErHks 7 m

AR EERGENHD Z L 2R L
TW5.

SEM r-AIN @60 K

X3. 74 v hTHENLE,
rm¥B L Rem AINTO
() ERILHE & (b) =2~
N7 A N HF R IE
HA RDOEDIZ5I Wz
DTHD.

o-AlN

u 3 1
0 100 200 300
Temperature (K) Temperature (K)

Z0 o ik, EBHEESHEM (1) BLOFBEBHRESSEMD () EANT, =it LRT
ZLIRTED. ZoHH, WBHEERMEHFEMOEREAIER, SREMRELTWD &9 72 (B2
RO 7NV —=RfE R OBE, ©=AT LIREIZHAIT 5 Z LM TN D (A 1THBERD)
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[12]. & Z CEELMERIT, Z OENERHAOEREKRFENETIX, ERICKRD ILHE La DR
FERAEEZHBRTE R, 2W0WHZETHY, ﬁv,%h%ﬁﬁfé’i#%%®§5%%z
R B, EWH T ETHD. KIEICBWT, TD IXIEEH RSSO & LTS
TWeZ ExEZXDHE, |iRfHETIE, £hic £5z/%7Xh%%ﬁé@&wik,mﬂ_;
%IRRT A DR L LT (R OB 217 T WHE Vo TEINTHA ).
ZOfEEmAEY AR — N T 572010, WBHEHBEESE TD B LU PDIC XL DI FHEHFMEGEE 2T,
K 3(b)IZ/RL7ZCLaY T A MPHHTE L0 E I DERET Lz, 7, FFEHHE S HMIL
X v U7 IERA RS AR DI SN D EEE 2,
1 1

venNo (T) +/3kgT /m*Noyexp (— Ii_AT)

ERTZLENTED. v TBEETHY, ARVEEm* 72L& AT [BkgT/m" LT 5 &
INTEDH., 72, o(MIZPDHHVIITDICESF v U T OMEIERETHY, —i%c, #EE
B RN F—EA 2L D7 L=y ZRDIRERFEEZFFOLEZX DTS, —JF, FOMET
BB T DN RO MEORSIZWEIT 50T, TD b+l & ZATHCL
SR Io 1%

an -

72D, twen 1T PD I K DA EHEEFM, g3 oLk — s ThHDH. —JF, TDUT
BT CL R I- In \I22OWTIE, TD OE542#E L T,
!

Iy —Ip =— - - g
T+ Torerpy T Tar(ep)

LD E, ERRO o b ot OIRERGFHEOREZNRAT D E, 2 T AN I/ L OFFEBER
HONIIAREE 72D, T2l LT 4 T 4 Y I RTA—=ENRZNTD, TNERLT I EE2HD
&Lf]%@@f@fi@@m%%éﬁw EH b=V —Z2RDTEBW., £, 201l
F2C, PD IHEIRAM & &R < 2 B 2 e WL X7 E BB L), ZRHEE
LTCLaAYy A RDT 4w bE{Tole. K4 ITHEREZRLTZ.
E%@%i@%ﬂ@yyﬁ»@,%h%ﬂgcﬁ%i@rﬁAmT@CLﬂybfxﬁ@%%
WERTHY, K30b) EFE—DLDOTHS. KM4ac), (d)IFENFNDAINICENT, 23 hT A
BB 57 OICEE LR FmE, TDB LR 20O PDIZXDIEFFMTH D, S
FITIREIZHAI LT D, — 5T, FFmAFEMIL, EARMIC, BERNGEI DL E, BHRD
Ericd s, 2k, ERRoRICHD L9018, Fx U T OBEENET 5 218, MEN S
RKELRDIEDTHD. clie rlEERIZFA U AV FERNP SV HELEZLDTHLEND, TD
E OO PD OIEHALZ R AT clé rifi AIN THEBETHD EIRELTEY, ThICLY,
TA T A TNRIA=ZOEB (HDFEY, 74y FORKERL) 2> TWo. ZhbOHfm
r;of%%énénybﬁxh% X 4(a), (b) FUIZHIFRTHINTH S, CL 2> T A FIE
CESHEINTEY, BRI THE, TDEHFIZHEWTE PD A3 E7 2 FEE Bis SRR T
%5&@# ZEMAT TS (20 Z 21E, K4c), @) ICBWT, SEMDOEM € ow A PD2
CEoTHREESN TS Z LD bR TE D)



2 TIEFERNIR IR R o T2 08, (a) (b)
PL OiRERFEDOfN & ZNETD ' '
WE» G, PD ORI E LTI, AlZ uﬁh
L(Va) EERY A M EWRL-BE : i} o
A (On) & DA KIME (Va-2(0n))
HHER TS, —DOFHL TRE W
Z i, T ToOBIERRIE, bhvb !
NOERLL 72 AIN 720 o [ Tl 7s 0.2 1
<, AINBEFOREEZRL TN LA ]
PNHENIRTHDL., EWNHDYL, 0 100 200 300 0

~ Temperature (K)
HFEEEICLD L, AINICET (c) (d)
% Va OER T R F—13 n M AIN T 17 caN
HEIC AR5 TEY [13], KM b7 | reo2)
F, BWEETDH L NFEBENT ’
WHMNLTHD. ZDXHRADER
TRV FX— % Ffo T2 K IalE GaN T
RS> TE LT, EE, GaN X
InGaN O CL v v B> Z 2B W TIiE
REC b B TD I K 2K 38l . ) o
BEXNTWNS. T724bb, AINICHS 0 100 200 300 0 100 200 300

Temperature (K) Temperature (K)
© GaNTTEPD A £ FA D X 4. (a), (b)CL = ~ T A hDOIREKRENE. (a) 1T e
Mo, MAT, WGaNFRLED TR o V) 137 B AIN DERTHD, o RLn%

80% Z B DI TANFEDENS g, iR o), () DFMEBE LEHADT 4 v
TS [14] DT LT, AlGaN & FOKRTHD. (€) IR LT Tow 1
LED OS50 5 135 < T'H 20% Total = Tr - + Tor(rpy + Tarep1) T Tar(pp2)

THY[15], LORRD DL LT chzbhs b= LORMARMTHS.
KIMGDTFENRE 2 HID . TREINT A
A AIEFNZENT T, SR D X 52 50N Z, FOMEK 5 0EHS.

BB, clie rEDHEICOWTa AL M5, FEFICRMEMICIE, CL 2 T X NI
BOBEMEZRLTWDZ EnD, Z 2 Tl7z PD OFG IR i IS, $EHEA O
FHETHLIZ 2R MTTNDHEEBELXTND., —FHT, clHiDIEH>2, LVEKIRETCL=aY M7
A MWL 2B Z L1, i B AINIZBWT, PD ~DOF RN LY REWZ EZ2RB LTS,
ZORKIIRMEATH 2208, FamORERMEZS/HEICENTHELTWD Z 0D, Z0
ZENBENTWD RN D 5. MRS L OMEOCHALLETH S ).

z
=
=
2
=

f=1

o
—T

1

Contrast
=
I
>

i [ i
100 200 300
Temperature (K)

T

Lifetime (arb. units)

4. F&ED

YU A FXy v 7K AIN ISR 2R OFESERE, CL~ v By 7 OREKRFET
PR L 72, PER AT UM THW G T E 72 GaN X% InGaN & #7200, fiRESFE7 59
%%E%A¢®f@é’&ﬁ£%%:fénk ZOERE LT, b ORI SX
Ba (RFLZ AL ZE4L) O RN F—D/NS W E &2 L2, 735 A s AT <, BUE, A
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KM ZARI T 2 FIEOBRBENED Hho2H 5. SiiRIN[16,17] ° UV YIRS &k R [18] 7¢
lZL D, 7z N ORI ZE U7 KREGAERT 1L ¥ —DERORE, FIEORERH Y,
S, FTFET, RRMBOIH & ZNIC D& BK LTS b L Bbits.

HiEE

AIN o LSRN 727272 JFE 2 2 T V(BRI W= L E9. F£72, CLAIEIZE L T,
—ERFOVRMEER, —EF5ANBRICTHREWN & E L., Ao —icix, B
ZedafiBh 4 (JP15H05732, JP16H02332, JP16H06426) Z M L £ L 7-.

ZE 3k

[1] Y. Taniyasu, M. Kasu, and T. Makimoto, Nature, 441, 325 (2006).

[2] R. Ishii, M. Funato, and Y. Kawakami, Jpn. J. Appl. Phys. 53, 091001 (2014).

[3] M. Funato, K. Matsuda, R. G. Banal, R. Ishii, and Y. Kawakami, Appl. Phys. Express 5, 082001 (2012).

[4] R. Ishii, M. Funato, and Y. Kawakami, Phys. Rev. B, 87, 161204(R) (2013).

[5] M. Funato, M. Ueda, Y. Kawakami, Y. Narukawa, T. Kosugi, M. Takahashi, and T. Mukai, Jpn. J. Appl.
Phys. 45, L659 (20006).

[6] S. Ichikawa, Y. Iwata, M. Funato, S. Nagata, and Y. Kawakami, Appl. Phys. Lett. 104, 252102 (2014).

[7] R. Akaike, S. Ichikawa, M. Funato, and Y. Kawakami, Appl. Phys. Express 11, 061001 (2018).

[8] T. Sugahara, M. Hao, T. Wang, D. Nakagawa, Y. Naoi, K Nishino, and S. Sakai, Jpn. J. Appl. Phys. 37,
L1195 (1998).

[9] J. Liang, X. Hongling, W. Xioaliang, W. Cuimei, D. Qingwen, L. Zhidong, D. Jieqin, W. Zhanguo, and H.
Xun, J. Semicond. 34, 113002 (2013).

[10] ZOXix, ZEXBB] ZIFCHEOmILTHRASHL TV L2 TH D2, FEERITIE, 7> La
DOERFIZENET 2N TH S, 7220, K0 EERZHWE D &35 L, B R TIERMEE
IRNTA=B A L TERLE, 74 v MBR—EBIZIR LW, KO TIEZ Ol
Pz e, Zeds, TD O a7 B2 S IBUE L2 GE OME R~ 1 v b AR Lz
74w bTIE, T OERMEICREREBER RN LEMBEL VD, JVEER= FT A
FOFRBUE, LT OFmIZH 5. E. E. Yakimov, J. Alloy Compd. 627, 344 (2015); K. K. Sabelfeld, V.
M. Kaganer, C. Pfiiller, and O. Brandt, J. Phys. D: Appl. Phys. 50, 405101 (2017).

[11] #%1%, S.M. Sze and K. K. Ng, Physics of Semiconductor Devices, 3 ed. (Wiley-Interscience, 2016).

[12] J. Feldmann, G. Peter, E. O. Gobel, P. Dawson, K. Moore, C. Foxon, and R. J. Elliott, Phys. Rev. Lett.
59, 2337 (1987).

[13] C. Stampfl and C. G. Van de Walle, Phys. Rev. B 65, 155212 (2002).

[14] Y. Narukawa, M. Ichikawa, D. Sange, M. Sano and T. Mukai, J. Phys. D: Appl. Phys. 43, 354002 (2010).

[15] T. Takano, T. Mino, J. Sakai, N. Noguchi, K. Tsubaki, and H. Hirayama, Appl. Phys. Express 10, 031002
(2017).

[16] H. Murotani, D. Akase, K. Anai, Y. Yamada, H. Miyake, and K. Hiramatsu, Appl. Phys. Lett. 101, 042110
(2012).

[17] S. F. Chichibu, H. Miyake, Y. Ishikawa, M. Tashiro, T. Ohtomo, K. Furusawa, K. Hazu, K. Hiramatsu,
and A. Uedono, J. Appl. Phys. 113, 213506 (2013).

[18] Z. Bryan, I. Bryan, B. E. Gaddy, P. Reddy, L. Hussey, M. Bobea, W. Guo, M. Hoffmann, R. Kirste, J.
Tweedie, M. Gerhold, D. L. Irving, Z. Sitar, and R. Collazo, Appl. Phys. Lett. 105, 222101 (2014).



EHIGE

#iv=  # (Funato Mitsuru)

1991 4 UK TP R RHE L fe e 7

1991 £ FUERRSF T8 Bh T

2002 F FUERKF L7PPseRl  GEAT

2007 4F RUEBRTELIEARSERL  dEHUR, BIEICED

Z DIH

2000 4 RUERR  fE L (I5)

2000-2001 4 U Ay Uy MRFEBLEHENE R
BAEOIET —~ 1%, BB FICHE R 2 7o, S W -8R ORsE Rk
R & MR

)1 {&3F (Ichikawa Syuhei)

2017 4F RUERKZ T AP e R L RS 7. B+ (T5%) B
2017 4 KBROKRZFHEEEE FHEMEiE v % —  FHTBh#

2018 4 KBRKZFLA0FER Bh#, BIfEICED

BEDOWIET —~ 1%, il - WRZERNFEFICHEZ B LA 15
WINEA L ERORE R & SE R R

JIl | #%— (Kawakami Yoichi)

1989 . RERKZ L e fHE L HIRRRE T 1 (%) IS
1989 £ FUHSKF L5 BhF

1997 4 IHELKZ: LR Bh#d%

2007 F IR F LPMER Bz, BIEICED

Z DfH,

1991-1992 45 B~V A b T v b KW IRZHENFTEE

2011 4 S HELY R T = u—

BIEDOWIET —~ 1%, S8R T /7 W23 T 2 bk 1 o ke 22
53R & 2T IS S FRE T /A 2 DBAFS & BT A

17



18

E 2 KR

iy XA

FERHERGIR DL

AR~ T AfilfG &

gk 30 A BT Uy b
4 A 5 H 6 H 7 H 8 H 9 H & &
B i i e 813 530 238 677 611 249| 3,118
HFEMEEL - W — 6,537| 8,026| 7,256| 8,027| 7,240| 5,942| 43,028
HPHIIERL - il 65 0 0 0 0 68 133
A - BREFEE 450 291 57 73 382 290| 1,543
LR SR 0 0 497 418 404 110| 1,429
[ PR 489 412 416 497 514 412| 2,740
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LS AN
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e 459 733 599 640 549 632 3,612
% "R 818 600 791 783 863 572 4,427
[ - B B B 0 22 11 30 30 20 113
IR 0 100 400 403| 1,006 598| 2,507
R 1,863 2,039 2,077| 2,079 2,164 1,973| 12,195
TRV X —BHEA R 465 512 1,116 1,175 1,252 941| 5,461
i sl as 0 0 0 0 0 11 11
A F I ER 829 834 833 716 907 831| 4,950
HIERER B 20 0 24 20 24 76 164
A VA - A ERERRIE AT 1,843 1,824| 1,482 2.246| 1,705 1,566| 10,666
| B i S FZE BT 178 60 268 0 63 32 601
BORPERM TR R G 2 — 171 180 172 89 113 80 805
W — MEH A v AT LR 647 901 652 845 674 1,092 4,811
RS & OEEENFITEE 0 118 224 349 353 232 1,276
R BT R A - (IE RS PR 510 520 456 797 421 665| 3,369
& 7t 15,441 16,631 16,821| 17,823| 18,798| 16,611|102,125
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U e2iEEi 2217 1,784| 2.264| 1,947 2,747| 2.,557| 13,516
T 3L X — TR 140 337 353 363 336 180 1,709
AEAEIEIRR SR T 53 0 0 0 57 0 110
R 0 0 0 0 0 0 0
ARG 0 0 0 0 0 0 0
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RIRZE R PG & 4 A 5 H 6 H 7 H 8 H 9 H Sl
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e e S B0 S 1,200] 1,267| 1,595| 1,304| 1,728| 1,299| 8,393
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B SR ST T 0 0 0 0 0 0 0
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TR X =R R 0 0 0 0 0 0 0
PE B L A 0 30 0 0 0 0 30
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TR - WE= L — (b7 393 700 403 336 484 285 2,601
LGRS L 121 77 104 102 136 71 611
LEERESEE - moy TR 48 34 77 36 39 64 298
TSR - Gk - B 125 102 103 111 95 109 645
RO iR A R SRR 0 0 0 109 0 0 109
a 7t 1,109] 1216 1,065 1,123| 1,522| 1,210 7,245

RN E R &
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R EE RS & 4 A 54 6 A 7 H 8 A 9 A et
TP - BRI T 28 23 5 24 0 16 96
LEERRSUR - B LRI 71 71 70 68 81 48 409
TEEEZER - ~ A v ux V=T U v TR 52 67 65 105 75 60 424
TP - R L PRI 78 0 0 43 102 108 331
TAAWFGER - AL 2,670 964 680 1,693 1,310 58| 7,375
LEERESER - BT L 10,940 11,188| 10,578| 11,153| 12,400| 10,524| 66,783
TR - MBS 1,569 1,676| 1,877| 1,780 1,659 1,717| 10,278
TAFER - E =L X — b 786| 1,111 781 971| 1,092 625| 5,366
B A e e e 529 592 557 718 546 445| 3,387
TP eR - my e 807 857 987| 1,093 931| 1,009 5,684
LFRGERE - Gk - MRS 1,108 1,329] 1,199 1,237| 1,139 1474 7486
LEFRRSER - (b L% 63 87 168 341 187 78 924
TRRFGER « Ok - BB TR HE e X — 0 0 0 0 0 8 8
& 7t 18,701| 17,965| 16,967| 19,226| 19,522| 16,170| 108,551
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