4C12
KERBEREMEDFICHITEIRBEKZOBERYS
KRR b—47 R ~EE/E AT

GRA2ERRZE AT L, UM B « B2 RBRORFSERRR - 313, BAR KRR « M AFLT 4
EERAt EE Y gk — . KRIBEM 2, ZEmEEES it mmEs!?

Investigation of the H, Adsorption Sites and the Host-Guest

Interplay in H, Storage Coordination Polymer

(RIKEN?', kyusyu Univ?, Osaka Prefecture Univ®, Shimane Univ?)
Takashi Kosone!. Akihiro Horil, Kenichi Kato'. Masaaki Ohba?, Yoshiki Kubota®, Hiroshi Tanaka*., Masaki Takata

(551 AWFoEIE, #ERFORS RWERTH DR
7~ UM E SRR IER S & LT, KES A
IZ LB FRAMERA OGN 21T> T\ 5, B E
DHREA T HERTH D [HAZ =42 MEESE £ =3 ,
1 BRSNS 2 & T OKESFREICE L T4 S [
[PA(CN),]} (1) i1

A bR MATAER) #HomA MBECET AR m1 Fepy)
RS L2 AL TS, BIASFREERCHS

2 4

KBS FWHEITIE, BAHRMIEED 2 F o — LRUE T 35 e S
Th D, ENTHEEREA TR 7 < RS I B

LA S DR R EHCE LT W5, BIHEEIL, A7~ §§”;; e
MEMEHNFOBTYH, MEEOHmVMLEN 4TS 53 1 :
Fe(pz)[PA(CN).] (1) (pz = pyrazine) (¥ 1)ic >\ T, kW E5 |17

B L . RTUSEICHER SPring-8 OFHEE X BAFIAL  § ol
levXxvvhzy br E—fEMEMIC K DWAEKRFADERE & ob o s

BRNZHOWTHE Lz, AEETIZ, MEM & B EHR % P /kPa

S At - == /N

JEC U, HERT v e MRS Sk B, T - g D 2 SR LIERT BARG T O
WA SRR (red: 20 K black: 77 K)

00 AR 1L {10 2 ELBE BB O AR ARIE T T [ ‘ —————

Y ANT MVIPEIZ K D MIALPIER DS K S O IR R <>' Y g €Y

H-H

VAN R/ SN SR (ISRl S sl D @I @ » @ o @
%,

[325r] S5RUZOWT, KFEHAIEREKR G, 7 A
I 53 F- Wi A& IR A8 C Din-situ AU Y RXHER BT HIE A2 17
ol FEBRNLELNIZEHTT —ZIZONWT, FrrJ
LENIGMA®Z IV T Y — b UL MENT 21T - 72, F B 1 L i
T ARSI T-Fops % VN T MEMPIT 247\, ik = e
FHNOBFEENMXZ ST, ZOEFEEFRZ I -t o
LT, BRI LB/ —ny Ry vy iz spc  W3WIFELOWRRIRICST 5 MEM

&

FTRT A— 4 LEwaldiEE V05 = E TR TRIC L p B mETE(E(200),47:(001))
J =R RT UV XNVINERDDH L TREMNOBHERT vy VBRI LT,
GRS )|



20 KK U85 KIZIIT B IkEEH 2 DZIR N AERE OfE B A2 =T
(1X12), 20 KTIZHFITARE T TRl 22l a5 B o s 7 sz,
KL F W KRBT 35 1T D MEMEE 155 B2 45470 X %2 o7 3 (1413),
EBTBEEENS, KBS TOFEPHERTE -, BETEEDOR
D> B WG KT FITMFLNER IR W CL B & 23R S hu 7 RE T
RSN TND Z LRGN D, RIT, ZOWEKRICHKT 5E
TS AT OFPHN OB 5 A FHE Lz, #5%. Rietveldfi#dr
2L D EAREO, FREAENEORER EIFEFICRN—EE R L
77
HIFLZEFINEROMRTEZ . KV FEL <MD T=HIC, MEMEFH
FENE D §FERT Vv M AT o T2, DA IREBICRIT 5
AT Vv VAR, MIALZERNERIC RSV CL AT § i
ICHRTF UV v LT R F—DIRNERNFEE L TND Z &Ry c axis
Prot, T OZERILEE A OPE DT % T A oA —7y  KASE LSBT 5 (110)H D

s b
® &

|
8
\
i
\
\
\
o

Potential energy (e/ A)

RENAA FOMS)Z LD 7 —ar e ko TAELE b RITHERT vy LR D
P, Pd-Pd O —RT7 17 v |

HFLN DO EKRFZEDIRFEICHONWT, ELICHEREB LT
WIZ, WERRICBIT DT~ A7 "IEZEIT- 72,

i

200 300 400 500 600 700 800 90

R, WARRBICIS T, 325 em IS A B — 7 230 S
U< B L72(X5), Z OfEICIIAR A R OEEEA S b 2 i o oV g ot
ABHIELTNS, LLARE, KEORERECE, 5 —— T
<
O
c

TIL A ARD R B AlER AT NVIMFIET D DKL T,
ERLTIL, 1 ARLMBIE N2 o7, Lo T, WAEKH I ‘
ITHALNESIZ W T, FEEAHIR SN TWD Z & A RIB L o N i I
TWa b0 LD, MEMTBIIISZ, £/ KFEDTF 5 1000 2000 3000 4000
DIREIE— F(4150 cm™ Hm) BN HER T X v o 72, ZHUE, Raman shift / cm-!
TL— BT — I ICRETH Ik 5T wiEEs gL BB SR 10T Ay by
Toledlc, I RNENIC o TmTd EE 2z, L (red: H AW AEIRHE black: il IRTE)
SHBLLIEE— 2 BREKZEOE— RIZLD b ONEHEND D202, BUE, BEAZELWESHE
TIV AT MRIEEIT> TS, HH, ZOMEL I CHRET 5,

LLEMNS . HIILNEE O S KZEDREEIZ DWW T OFHREESL Z LIS Th Lz, S 5T, Bk
HECI, AFLINEBICIR S (208 L 72 AT RY 70 22 1) 2 EBRAGIC AT LT 5 Z L ITaBh LTz, Ll
HEIKFBEWESEDL L, TOEMPLEEN A EICFEL TWDEZ Eb 0o, 2D L
I%. OMSH A FOEEMAMEHRIHNZ L E2RELTND,

BIE, KREWRHREICB T ASERT VY MR 2T CE Y. 7o, BERECHEELE
BEIRT A MIKBBWZE LI2ODMNZONT, MitEIT>TnD, BXbNHBEHO—D L L
T, BUEDOWENEIINARIFEN V72 DOWREENRKERLIRETH L= DD,
LoT, OMSH A FOMAEMAZ S HIZ L, X HITIE, ML TRFES FR-ESHEAEERT
5D E D77 T AL —L)HFLZE D m A E R LTS LS 2D,

P EBIN

[1] a) M. Ohba, K. Yoneda, G. Agusti, M. C. Mufioz, A. B. Gaspar, J. A. Real, M. Yamasaki, H. Ando, Y. Nakao, S. Sakaki, S. Kitagawa,
Angew. Chem, Int. Ed. Engl., 2009, 48, 4767. b) G. Agust, R. Ohtani, K. Yoneda, A. B. Gaspar, M. Ohba, J. F. Snchez-Royo, M. C. Mufioz, S.
Kitagawa, J. A. Real, Angew. Chem, Int. Ed. Engl., 2009, 48, 8944.

[2] H. Tanaka, Y. Kuroiwa, and M. Takata, Phys. Rev. B., 2006, 74, 172105.

[3] H. Tanaka, M. Takata, E. Nishibori, K. Kato, T. lishi, M. Sakata, J. Appl. Crystallogr. 2002, 35, 282.




4C13
T BGRALE Sy A2 BT D R ESRAE TS T K 2 W 4
(PEXBAIT 1« BORBERR G 2) RALRME 1, e — 1 JKEPESC L, RIIA KW 1, HIEF
gem] 1 Tgm— 1, JESEE L MTRIE 2, NEEIE 2
Topotactic solid state redox of a magnetic octacyanometallate-bridged
coordination polymer
(AIST?, The University of Tokyo?) Masashi Okubo', Kagesawa Koichi', Yoshifumi Mizuno?,

Daisuke Asakura®, Eiji Hosono?, Tetsuichi Kudo®, Haoshen Zhou!, Atsushi Okazawa?,

Norimichi Kojima?

[/F]

AR, SEFERISERICI T D8REME L LCL b - B - A R P ORI X
B BRI OB 23 AR STV D, ZHE TIZHE X 13, V7 EBRLEE LT
N T AHA MEEEEET L IN LT TR R R A MBS L, U F L
RV TRV LEOELR A DA E— T L— 3 VRS, RO, BRI AL
5 B IRREZA 2RI U 7o W Of i 217 > T X 72[1-3], AWFE T, "Iy~
AN - BBERS FTREZ2 o7 G AR A MEEOFHAINZ BIEL, Ay T 7L
—HERUAR TR S B [Fe* (CN)]* Tid7e < | [Mo™ (CNYg]* 3R == ~ & L THW
127 7 ZRIG AR A MEE[MN(H20)][Mn(HCO0)2/3(H20)213]3a[Mo(CN)g]-H20 & &% L
Z DERBELACFRER O, BRFERIE 21T > 7O THET 2,

[J28r]

T BUEAR A M EE[MN(H20)][Mn(HCOO0),5(H20)213]3a[MO(CN)g] - H20 1, 7KI&K
1 G[Mo(CN)g]*" & Mn* % FFRIEAE T TIRA L. 15 b= ibBd 2 ==iR T 24 By E 22
VLT 5 Z L TEREMERE LT, SO miBHE, JuEoHr. ICP /. Bk X
AT, IR 27 by SEMIZ LV REZITo 72, BRALFREL 3 Ml 7 2+
VTETN, U F 0 A A AR AL 1 LICIOJ/EC-DEC %, F b U W A A LA AN
HELZ1X NaClOy/PC % BEfFHE & L CHW -, S IERR, XIEMRIZ TSR Y F U L U,
&GlET N U U AEMEH L, ERAMIZIL, PBAIAB/T 7 1 L & EEL 75:20:5 TRA.
NR—Z2 MELZZbOEFH L,

[k & B2
R X BREHTNF —2 DU — UL MEGEBATIC L D . BT



[Mn(H,0)][Mn(HCOO)43(H20)23]34[M0(CN)g]-H,O (LA F. MnMo-CCP & s4) (IEJ7
gy 14/mmm, a=7.5739(2) A, c=28.8274(7) A. V=1653.7(7) A%) L[REIETHZ L
T&E7, W 1IZRToE, U— bbb MEEHIT L& LI REE TH D, Mo
EMnZTT ) ENRIET D2 LT 2IRIEDA T LT v AV DPERE IS T
L2 EMRMY ., BRIEDA A LAERT v o xNERT LTI T TV —FE PR &
[FERIZ, ERULTFHIA F o BEHRABOS 2R3 2 E iR SN 5,

2 127”3 D%, NaClO4PC, LiClIOJ/EC-DEC % FEfif#ik & L CfEH L 7= MnMo-CCP
D CV M TH D, WTNOEMIKICIBNT S Wi 22 bR T v — 7 MR S .
TN T T N—FEEIR &[RRI A A O RBEHFASOS S AE L TN D Z RIS
oo GITTIZE VA SN A AT EEFNICE ZAAHBEY 07O FU LA
Yo FEE. T RU AL AN AR ABERTRE T H D Z E RN Te,

W HIE, Ex-situ XRD /X ¥ — N2 K DA A AR AR LR 5 &2, B\, B
{BIZITEIZHE 5 [Mo(CN)g] D A B LARAEZALIZ L R §~ 2 BEMEHI N DUV CEEMIC #am
oy

2D ionic diffusion plane

P Mg 40
© e 20 —
e L ] L e
~\:;s\’k .; ‘;& ° “\\.v‘ 0+
e . ® 4 o« » ¢ L5 &0
Vi ] p-dpd 1
:zxv s : ;‘e 1 < ::: S0 Na
3 L ] ! SS9 -438e © | < 20 38 40
B N | & =9 , = : : . |
. S b ; e 3 ::t 2 Potential (V vs. Na/Na')
o] et T siewcews |
). B ;ij 9 4 g 20-
¢ ol | 3 /) e =3
4. o ot o St 5]
o . ¢ O v ; \‘/&
S RY W Vo oV W Ve o 20
< ; Ve Y “ { ‘\‘ ‘ 4
s“/& 'S : “ L ¢ ./ 40— Li
i L T T T T
a @< © e ©0 @ 30 35 40 45
l . ¢ Potential (V vs. Li/Li)
Fig. 2 Cyclic voltammogram of [Mo(CN)s] based host
Fig. 1 Crystal structure of [Mo(CN)s] based host framework. framework with Li* and Na* electrolyte.

[1] M. Okubo et al., J. Phys. Chem. Lett. (2010) 1, 2063-2071., Angew. Chem. Int. Ed., (2011) 50, 6269-6273.
[2] D. Asakura & M. Okubo et al., Phys. Rev. B, (2011) 84, 045117., J. Phys. Chem. C, (2012) 116, 8364-8369.
[3] Y. Mizuno & M. Okubo et al., Electrochim. Acta, (2012) 63, 139-145.



4C14
KBRS D FIIBIT &AM AV ERICL D
W B M~ DR
(JUK I°CNER', KBzt 2, JST-CRESY) 3 i b, (L $ki? k)i 722
Effects of Central Metal Substitutions on Sorption Selectivity in

Hydrogen-Bonding Metal-Organic Frameworks
(I’CNER Kyushu University Kyoto University, JST-CRESY) Masaaki Sadakiyp
Teppei Yamad3 Hiroshi Kitagawa?®

[FFim] BAALm 0 F Il DR GEHE & ZERMEICE 2, B2 RPERBL~D T 7 1 —F A3 Al 6E
THDHIEMPDITFERELRFREREZ R L T D, FxixZhETio, KERBAEME L
T, 14-YT7 v E =7 LT X (Hdab: {HN(CHy)NHz}?) % 3 A L 7= B {7 & 4> F
(H.dab)[Zny(0x)3]- nH,0 (Zn-dab-nH,0) (ox = oxalateD & kIZ R EI L, = O &5 723, &
Fad ks BT 5457 A by+(H.0, MeOH, EtOH)Z %t L T, B 2 B @R INME 2 v 2 & %
R L (X 1), Zn-dab-nH,0 IZHIALNICKFERES R —(-NH)EB LT 7 7 % —(0x)
EAL & [FAIRF IS DR R LB TH D . X BRHEERENT OFERN G, WERFIZBW T X MMy 1
Db FaXxiis, ZhbDKERMETN L ORICEEROKERENIEREND Z ENHS
MEROTWD, EBIT, A MRAERITIL [Zn(0X))] D EHICELNAET D Z L HH
HINEIRoTND Z DD, KEREE DO L BREEDOELRA R AR F G LTV D
TEDREI T, £ ZTAMIETIE, BBMEOZIZH L TEERKNFTHLEBEZXD
héﬁ&¢®%@4ﬁyéﬁﬁbk\w)

(0) ¢
CER Y T E o SRS = (i
D LICE Y. TRG SRR vl
oo

FIFTEHEZONWTHLNICT S 2
ExHEBE LT,

[E8] L& EA A @R L
(Hdab)[Mx(0x)s]- nH,O (M-dab-nH»0)
(M = Fe, Co, Ni, Mg¥. Zn-dab & [A]
B2, MO %7213 M(CH;COO),
H,ox-2H0, 5 L UKz JFEE LT,
KEAERIEIZ L0 130 °CTARL LT,
B o2 FI T, B X R
HEERRNT. FooR X BRETIE 217 -
oo Flo, WAEBRRMEICOWTHS
ANZT DI 298K 12T Hy0. »WM?W
MeOH, EtOH, MeCN, MeCHO (288
K). Me,CO, Me,CH(OH), PrOH, BUOH, 1. Zn-dab-6H,0 Ot * (a) Pl (b) 4
N, (77 K)DWEAESEME 21T -7,  JERE (c) BHEEZICIRT 25 A Moy FOKREME



_ 7 Fedab _ 71 Co-dab _ 71 Nidab
S 6 298K S 6 298K S 64 298K
S 4 " € 44, 4o scundfioacsa asassnafa S 4] praaaw . 4o aceast
@ e - & 3 § 3 £ &
. i & : Q £ g 5 0 FRNXRTTL L
: 34 & % 31 §oo ‘4 0 080 £ 9 B8 & eBew SEMera e ® 34 ;gf ‘ 8 ) eeeuelenled Gocst®
o : ° i ,{' 3% s e e 2 Y R L L
3 2 3 21 pn° ? 3 24:4
o K 2 .I_!
g g 1{] ¢ 214 #
&
0 * = .uulanqtquua.au a,lu;a.mnlorv>wl. . 0 _Y.p_u.s‘-wgl.quv,&_',q - f\_‘v'f,,'t 3 t‘.'.n-‘.";-. !'.‘ 0 - é&’.ﬁ»{.n:anvuv ‘-e.aw a'fe-a bka*‘h'f'&vau);
0 0.2 0.4 0.6 0.8 1 0 0.2 04 0.6 0.8 1 0 0.2 0.4 0.6 0.8 1
PPy PPy PPy
7 A 7=
Y Mg-dab »
T 6] 298K g ° T 6 Rl
: =2 4 MeOH
© I o
g 5 l'. 3 54 ° EtOH
54 ; 54 NP v MeCN
5 ofe s i g | 0Cttglaasanangeettt ¢ MeCHO (288 K)
2 3 j g [ ST i = Me,CO
t, S P LI RN SO 4 Me,CH(OH)
o o A . ® PrOH
= 2 1-[%:: : v BuOH
'3 A 2 . I o 2 B 74"
0 Bt 2 d 80608 0 birs B B i oo oWis 45 B89 O&B:ﬁ\&i—"ﬁvﬂm?w‘——w:—uwuw\b:“&%“"" T N (/7' N)
0 0.2 0.4 0.6 0.8 1 0 0.2 04 0.6 0.8 1
PP, P1P,

[¥ 2. M-dab (M = Fe, Co, Ni, Mg, Zr) D4 & 12 %64 2% W 45 254

[ 5 & % %2] Fe-dab-6HO. Mg-dab-6H,0 (2 OV TITHAE G D720, Bk X

WS MRAT 24T o 72, MEdR PR T A —2 %K 1177, BITORKE, 2o o{ba)ix
Zn-dab-6H,0 L 1ZIE[R— O S Z D, [My(0X)s])* w2 B 72 D R B A% DRSS,
JERR BT D7 A My & OKRFEREGOMEIZH, REREITA Lo Te, T2,
AR X BREIHTHIE Ot F, Co-dab- 6H0 1% Zn-dab-6H,0 & IFIE R —DREETH S Z &b h
S72, NIAEEH T, ANARMITH Y T DG s8I S i o 7oy, KIS &
% Ni-dab-2H,0 1% Zn b &% @D Zn-dab-2H,0 & IZIEFE—DOEETH D Z E3broiz, W&
SIRARIE OFER, Ni-dab, Co-dablX Zn-dab & [FIf£IZ H,O, MeOH, EtOH % % &z
HZENRHBMNE ST, £2, Ni-dab (X H,O 25 KT 207 LWAEET, thoflbEdy &
B2 0 NKFNGFEIE LW Z ERNbhoT-, —J7. Mg-dab, Fe-dabi H,O, MeOH 77
ZWAE L, EtIOH 25 L7222 L h, FLERA A4 2 OFENEERIEICHEE L TV 5
TLEWRBENT, B FEXRTEEAE-20 Ny MeCN, MeCHQ, Me,CO {2\ T b fllE
AT TR, TRTOMEDZEBNT, TNHIERESNRN-T2Z b, B RaXxy
FAOBBPENRREFEF SN TWD Z b hoTe, Flo e Rax v aHFT 57 A My 1T,
EtOH Ll D4y ¥ %43 % PrOH, Me,CH(OH), BUOH X9 X TDILAM THAE SHipio
722 &b, Zn-dab & [FERIC—EDOY A KRB FET 2 2 LB 6N e o7, B A
FEAR 7 L RS & OBSELIC DWW TR Do

& 1. M-dab-6H,0 O Hijilifih X BRAEE AT Ol A

Sample T/K Spacegroup alA b/A c/A S| deg VI A Ry
Fe-dab-6HO 100 P2/n 8.2586(9) 15.8638(17)|  9.4209(10)|  113.1900(10) 1134.5(2) 0.0196
Mg-dab- 6H,0 113 P2i/n 8292(2) 15.688(4) 9.380(3) 114.8003(1]) 1107.6(5) 0.0613
Zn-dab-6H,0" 100 P2i/n 8.3007(8) 15.6603(14) 9.3885(9) |  114.5920(10) 1109.7(2) 0.0169

(1) M. Sadakiyo, T. Yamada, H. Kitagawa, J. Am. Chem. Soc. 20133, 11050-11053.



4C15
BRIV EGDHB= ek L — MERO G & HE
(B APEER T 1, KRB a 2) AR MEX L M JE2 A H{T!?
Synthesis and Properties of Novel Nitroxide-Coordinated Complexes Involving Pyrimidine or
Pyridine
(The University of Electro-Communications?, The University of Tokyo2) Yuta Hommal,
Atsushi Okazawa?2, Takayuki Ishidal

[(BA] TExFohETlcv ) PrEia a7 A VEN T (phpyNO; K1) Z#HiE LT
BY, #FHADL=y 7 ADICF L— ML L CTRIESAE U DT 2520702 E 2B
TW5, ZORBHAEMIERZICH2D (1], £/, 7V -SRB TR D » 70 v
7L BRI T > ) o T e ALy T D EF-EFEAREEEE S R E L, = b e —ERE)
BOAE 7 B A== BLETHLZ L aH LI L (2]

Flo, BUIVUD4ANE A= Xy N 2B T 5
JEZHIAE T DAV ERE LA (8], $EERORR TIZEEA

A LB T BBRFICR Y ~—Z TR T B o R TR O S 2 l‘
EBEolz, T T, fEREE LT HEDICEY I V0 4 N N
LI tert 7 F L=t XL R, 602 2-EY DHHNET == C-)
NWEEZB AN LTz, FHLRENL A DB R A BT LT, 1 phpyNO DO

[EBR L5 E] phpyNO BN SHA54EEBE LT, WEE T Cull (S=1/2) AL Tt T
W=D, NiD (8= D) TOEKRDO G ERA T, £ OfEHR, Ni(BFs)z+6H20 <° NiBre*3H20 &
DFAE D TIIBRBMERAR EAER 2~ T8RS bz (K2 E), TR T —4 hbisko
HENERA A2l b LIz e H otEiEE L Tnbd B oD (K24), ZiLa sk
L CEFDEMRET IV (H=-2)(S1*S; + Sp0S3)) TH#MT L7=& Z 4 [Ni(phpyNO),+2H,0](BF,), Tl
2 ks = 236(10) K, NiBrz*3H20 & OFAAGHOEND 72 2WE Tt 2Jks = 260(8) K ThH -7,

v cm3 K mol
o
T
I

r O ZmT
o5t — FTEEER| -
K] ST T TS I T T =

0 50 100 150 200 250 300

T/K

2 [Ni(phpyNO)2:2H,01(BF4): O EiiifE<ME (f£) LigmEED Ortep X (F)



— 7T NiClz & OSSR TIT S RBENMENFE AAEH 2~ 385 [Ni(phpyNO)2Clo) 2315 5 7= (X3
) ZHUX phpyNO N7 X ¥ /- h N U TIWIEN L CTEY . £ DK & TROMBEIERIM AIE
HErRLTnbdEBEZLND, R1ICKL— MNEENO @i U I O&R A 4 -7 2L
M2 R, AT 15°LlEd . 2 E ToMERMEFRER [1,4] 1I2RS LA TR
PER ) 7Y TR PRI D, EER. EREKHEDOR K (K34H) "ol bbnTVhn-=
Y IVEES . ORI AER Z LT b bt EXHNE, —HLEMRET L H =
—2J(S1°S2 + S2°S3)) THEMTARAT- L ZAHIEL T4 v T 4 7 TERD ST, ZOJRKF L UM
DAY B—T =& e fFF R FEORELED T FETH D,

05 e] -
[ & j

L 5
ﬁmmn@‘iﬁ“‘\'
00, v v v Ly v by s by by s by
0 50 100 150 200 250 300

T/K

3 [Ni(phpyNO)2+Cla] Oififbti&d Ortep X () & E ERER ()

K1. MmEED/NT A—HF

Torsion Angles 01-N2-C1-N1:21.7(4)° | 02-N4-C12-N3:-15.5(4)°
Bond lengths (A) | Ni1-O1: 2.105(3) Ni1-02: 2.067(3)

FIZHHBLNL - 4-(2-pyridyD)pyrimidine FFEARD AU OWTITR 4128 5 2 DDORREE %
L TW3, £ 4,6-dichloropyrimidine % PBr3(Z LV 7 uEfL L, VT Stille 1 v 7'V 7
F 28RS 7Y 7 C 4-bromo-6-(2-pyriyl)pyrimidine 35 & U8 4-bromo-6-phenylpyrimidine
G, ENENNEED 4%, 18% Th o7, HIFEE & L T 4,6-dichloropyrimidine % v\ THEIC

Ty 7Y I, FO% PBrs a HWW TR 2 BRER FIZERT LI L2t Th 5,
7

Cl Cl Br Br .

W PBr, W Coupling . | Br
| | X X
N._~N N

\/
Cl
X
m Coupling % PBr3 %
=
~F No _N

~F
4 HHIoOERL— (L) ioJ:U\ﬂ@ﬁL <ERPoL—F (F) X=N,CH)
[ZE3Cik]
[1] A. Okazawa, Y. Nagaichi, T. Nogami, T. Ishida, Inorg. Chem. 2008, 47, 8859.
[2] A. Okazawa, T. Ishida, Inorg. Chem. 2010, 49, 10144.
[BIARIHER, [ J=, A M T, SEST 2011 2550 [0l A B ¥ = A4 1P-43,
[4] A. Okazawa, T. Nogami, T. Ishida, Polyhedron 2009, 28, 1917.



4C16 ULy bTayavERIT

—EIRFRMEIR AL KRS FOERERE
(BeRBepE ) mfhith, OHEIR—. ThEPHEhH
Theoretical design of
open-shell singlet condensed-ring hydrocarbons for singlet fission

(Graduate School of Engineering Science, Osaka University)
Takuya Minami, Soichi Ito, Masayoshi Nakano

Dl o> 7 vy b 74 vyavid, —oo—EHEHBRET (S) 28>0 Z®EHHEET (T)
WoHT 2, HEOSFRITEIZHERKTHN., vy oGRS IZE W TER
MBI X T\w» 3,

S+ S, (TITI) —-T+T (1)

COBEEMMT 52 LT, KEBEMOHGRRRNED LIRZM L TE 25 2 LRI T
B[], EE, BEABEBMADGHICAT S v Ly F 74 vy a vy O ERHBI N
TWwW3R2], LEL, v 7Ly b 74 vsavz2RldoromEizdnl., Zodiiz
R U 72 i BB G B P Bt o 28I 13, BRI L2 IC 3D < 4 13k 23 o ¢ BE 2 7 f3¢
rRITEEZONS,

LKLz nFcoffRick T, ETAMBTTFRORHLFEIRICHEDE, v 7Ly
F7 4 vy a v IR TS T ORRRMEICE D RGBS 2 RE L, 592 S RN 2 B
WEzHO—BEHY I ANTFVELETH L L2 TR 23], £/, ZHUTEYT 5 EE
FTFRELT, 7YV VEHEOMBRRIWKEDTRVEETH 5 2 L 2M3IL 7203, R,
ZDFHNIFERRIC X > THIFSI N[4], Fx DBIFRIK 123D REHHHR 2 X 0 fiEFICRREE
T5I12iE, INoHBRILKES RO 2LV —2mLFEIEICE DRk, v 7
Ly b 74 vy avyoEBEAEEEZATIALY—HASKFLEZK T L0 EZ 6N
%, ZZCAMIE TR, MFHERLZFY) L vzt 3L o a+% (K1) oz
YC, —HEBRECHE L 2 LY — DR Rz I, TroRGHEROZ 4L IS
DFTFRICEBTES Y7Ly b 74 vyavroRHENEELZERT %,
[(EFNEHRTE)] AFETIE. RYLY (n=1), FUYLY h=2). Z7FILY (n=
RV VLY (n=4) #FET2 (K1), > 7Ly b 74vy>yavzRIIoricii,
LTD20DZ 3 NVF—lESMEPERIND Z EDASNTWB[2],

2E(T,))-E(S,)~0 or <0
2E(T)-E(T,)<0

RO ZLvy b 74 vyavickh —HEBLE 25 D

O =HERE A0 ER I s 4T, KRk v L

v 74 v avBOBRERIGTHL T, + T, » T, 28f#l+ 5
TEODOERETH D, KFFETIE, AV TV Lo DpEE =R L¥—
E(S). E(Ty). E(My)x &b FitREIC L kD, X(2). 3)& Dxf X1, A3y
IS ERET 5,




iR BEGT R 1, FERRBRIIC TS % 5 X — & % Bl U 7= = PR 1E 25 EE LB Bak
(Tuned LC-DFT %) ZH\2%[5], ZOH#EIR, REHEIE (HOMO) =)L ¥ —%2EH
AF MR T v vV E—BIE 2 K H)HEHESEI T A =% (W) 2l L 725t BETH D,
YA XD 2 G ROMMEMIR 2LV X —2ERBMCEHR T2 IR L Twa,
A O—BIEBRE 2 ERICITHE T 2 20 EY S ALVHAT () Z2HV3, KBFE
T3 IEHIFR Hartree-Fock (UHF) #HE2 6RO -HAMED HERZ A VEE TS Z LIck
DZEY 7Y AHNVHAT vy (vi=n;, nz LUNO+H D EHEH) %KD [6], yild 0256 1 Dfiz &
D, 3iZ2ymn THB, 2T 7P ANEDRE, 2T F 7 7 ANEDIEIREE HE 5,
(FSH] R I REEHE O R Z R T, SUREBRIETEETALMEERETH S, £D
k9, FVITVLVRETTFTA R (n) DEERIZONWTERIE (o »1) DIRT 2, &
DIFFITBVTH, po>>y Zilc LTED, VIV VL VRIFY T ANENIRNT, T
F oI ANERT L, —HEY I HANGTTH DI EWERTE B,

—RICAH N TS L)L, nHEEOAL EH I LY — (ES). ET). ET,)
PR T 2 EHABR SN S, T, R ZHEFE T 2L X —ET)DIRDENKRE W,
Z DT 2E(T) — E(S) & 2E(T) — E(TYIFFZDH A ZDWKRE LA TS, 2D kI I,
I ANEDIEEE () DR E L DI ET)PHMNIIHA T 2 AL, @EoRL DE
TORHEDRE R3] E L T3,

AR LD, S L ROBh Ty Ly b7 4 vy a vy DI RLF —lEEM [
), 3] Ziui7= T, n22 koI Ly n=2) . Z77T7VLY (n=3) . Rv¥Y
LY (n=4) TH3, 7L, 2E(T) —ES)VBEDORKE iz Oy YL gy v /L
vy 74y ravilBI A2 VX —HBESHIKIKE (. AEABERADIGHIZIZ AT
ETHD, toT, ProHEEDOS IPHLMVEEZLDT IV LY RE 77TV L VD, T3
LVE—ROMMPSbS v I Ly b 74y yavilio e LTEETH B, ZDOMEIZ,
WEDOEALZ D TRGHES 31 AT 5, UHIZ, T 2L X — DHEEFER £ DX,
W22 D BPEWIN ST e FEER TR & SN THFAE T 7 757V L v OiiREESY 4 F 3 7 2
[y v 7Ly b 74 viarThruailhiconThiEmd 3,

K1Y IPHUVHEF" (o,p) I FLF =2 (HfLeV)

Perylene Terrylene Quaterrylene Pentarylene
(n=1) (n=2) (n=3) (n=4)
Yo 0.21 0.37 0.48 0.57
i 0.02 0.05 0.11 0.17
E(S)) 3.04 2.29 1.88 1.60
E(Ty) 1.67 1.10 0.80 0.58
E(T») 3.17 2.33 1.78 1.41
2E(T))— E(Sy) 0.31 -0.08 -0.28 -0.44
2E(T))— E(Ty) 0.17 -0.13 -0.19 -0.25

" Occupation numbers of UNO/6-31+G*
* Tuned TD-LC-RBLYP/6-31+G*

(2% (k) [1] M. C. Hanna, A. Nojik, J. Appl. Phys. 100, 074510 (2006). [2] M. J. Smith, J. Michl, Chem. Rev. 110,
6891 (2010). [3] T. Minami, M. Nakano, J. Phys. Chem. Lett. 3, 145 (2012). [4] M. R. Wasielewski et al., “Terrylene-based
dyes for singlet fission”, Singlet Fission Workshop, Colorado, USA, June 17-20, 2012. [5] R. Baer, E. Livshits, U. Salzner,
Annu. Rev. Phys. Chem. 61, 85 (2010). [6] K. Yamaguchi, Self-Consistent Field: Theory and Applications, Elsevier:
Amsterdam, The Netherands, page 727, 1990. [7] Y. H. Meyer, P. Plaza, K. Miillen, Chem. Phys. Lett. 264, 643 (1997).



4C17
Fm—FIBI 707/ IL— D=RERBEALEMEICHT S
Fr— 7o T2 —EBREMNRICET HEROTR
(FRORBEALRE ) CRHAE, f@ SRR, M. R
Theoretical study on donor/acceptor substituent effect on third-order
nonlinear optical properties of open-shell singlet graphene nanoflakes
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(] e, FRRLER - MR ERT T/ 79 7 2 U N ERBEGRm O KE REH 2ED,
Bl RE T AA AOEBWE L L TRIAWSHARHIREN TS, FrIc—KkuHTHDH 7 T 7
2 F ) VRRERY A XS THDHI T 7)) 71—2 (GNF) X, V7V 7 TR
SELBRENT 2% %2 b OB —HIEREL & 5 2 EAHEROIC TSN TNE, —F, i
R 2 TR B2 IERIE LY (NLO) B & L CBB A T RICEHR L. £ OMMEMEILZ IS
HHMERGI 21T > C& 7o, NLOMMILI RO LY hr=J X T3 b= RIBITHIEH
(CHEHBEREMEMPED 1 > TH Y &% NLO WE ORI 2 ORI 2 B s L 72ibge 2 8 <
REIAVTEIZD, ERIRE SN TET2 NLO ME D EIFMAZRS FRICES D Th o7z,
BANTFFIC—EIHY T VAN FRICE LT 1) ZRIFRIEAEDRO ST LV ORETH 5
BB RYyNEMEORBIECH D VT UV HINVKRT () ISR LBE R EZ T2 L i) ¥
7 VANVEF B OMEEFORR, BEGR 0=0) RLEEMBR (=1) TR E yEE AT
L2 EETVBLOEEY T VNS TRICHT DETALFFREOERICESEMA L],
Talx i E <, FHBZERNLO ME R L LT GNF IZOWTHIZEZ D, W\ < 202D GNF A3 —
BEHEBREZRSZ &, TRV T UK T ZFD GNF ByOKREZRT Z L ZFHEICL
S5 LT2[2]e £72 GNF I3V A AOEKIZE > T, BEDO T NN R~ VTF T 20k
DIFEBLIS L, 2L Dy DR R IMEE Y A AR BRRAIC TRIS 23, 2 b OfRER
725, GNF [3Z OGS A X2 X W NLO #tEfIf s vl fE 22/ & U CIEH IS BLBRE %
G ThHDHEEZOLND, il c 1T, FEY 7 P HNAGFITBNTHNIES OIS R — -
T T E—EREOBANPIEFICRE Ry O R A SR T2 L AR TRILZ[4], 22
TAMGE TR ZF > 2 fEo GNF (K 1) 265 e L, Znbicd 5 Kh—
(OH) + 777 % — (CN) BEHENRZBEFFFREICIVBE L, Y7V IVRFB IOy
L DFBIC SO\ C#RT D,
[GHEAE71E] X 1124 GNF OfEZ RT, #5113 UBSLYP {EIC K W #ER#E(L 21TV, 7
CHNVRFEB L OE BORyOHFE I, LC-UBLYPIEIZ TIT Y, Y7 VU NVIAFA2IELEAHR
HLE LUNO+i (i=0,1,...) O EHE nignon EEFTZ L, BTOVNTF T I DN EEEDO T Z 21 VA
Ty \ZEESENTT 5, Eloyd y i (R oI T Y VY, Z EES T TR



ENTENTFOETFAX—%Hn X’ x» @)X=Y=X=Y"=H

Finite-Field (FF) #:i2 X 0 K7, OOOOOO (a2) X %H 7YH CN

Y’

ETOFEICBWT, EEBEEIT
6-31G*%& i, oy
[ L B2 —EEREICHT 5 Vv
ForF Dy, (i=0,1) LyDFHEMRE
= 1R T, EBEHDS hexacene D4y

(a3)X Y=H
=OH, Y’=CN

bHYW=Z=W'=2"=H
(b2) W = OH, Z= CN

T al- a3 1 ENZ AR yo 35 W' =Z7'=H
LN IR 0y [l 2R R Y (b3)W 7Z-H
=O0H, Z’=CN
FIOINGFTHD, —FH., LUK y
ERVARXDEEKREEF O /i ’
b1-b3 [XZENZEN5EEY T U ANE X
(o) EHRT T OHANE (1) PR 1. /97 =rF ) 7 b—7 Ol
LT NI TV MNGFTHDIENRENTZ, WTHOSFIZBWTH RFP— T 87%

—HOEBENIZ L VyERHERKT L Z ERMR I, R UERLEA S THoTH, V7
T DRy (X0, YY) ([CEHRIEE FFO0 1 a3 Oy EE ) 1 al ([T T 2 FREOE %2 R
L7zoizkt L, sy (X, Y) (CEHRIEZ FFo50 1 a2 OyfEIZ5 1 al ITH~RT 80 f5LL E& v
IIEFICRE R RELZ R LTz, £72, 265075k a LHRIOICI 7% b TliE, sy (W,

Z) \ZEBE A RO b2 [T RigE sy (W, 20) ICEMBEZ RS0 F b3 Ok K&
IR R EFEo 2 L35 72 [y(b2)y(b1)=1.3 v.s. y(b3)/y(b1)=1.81, = O FF 522 EHERNAK FIE
1T, BARRMED NS 52 BT HBFEENMFICE SO THIATE 52 LA L, 3Ty
A& T 5,

1. &0 1T0YT7VHNEFT y L E By [x 104a.u.]

o Yo pa! Y
al 0.323 0.054 1.07
a2 0.246 0.035 88.5
a3 0.300 0.049 227
b1 0.991 0.465 54.5
b2 0.989 0.447 704
b3 0.990 0.468 97.5

[ 3Cik]  [1] M. Nakano, R. Kishi et al., J. Phys. Chem. A 109, 885 (2005); M. Nakano et al., Phys.
Rev. Lett. 99, 033001 (2007); M. Nakano, et al., Chem. Phys. Lett. 443, 95 (2007). [2] M. Nakano et al.,
Chem. Phys. Lett. 467, 120 (2008); H. Nagai et al., Chem. Phys. Lett. 477, 355 (2009); K. Yoneda et al.,
Chem. Phys. Lett. 480, 278 (2010). [3] H. Nagai et al., Chem. Phys. Lett. 489, 212 (2011); K. Yoneda et
al., ChemPhysChem 12, 1697 (2011). [4] M. Nakano et al., J. Chem. Phys. 133, 154302 (2010); M.
Nakano et al., J. Phys. Chem. Lett. 2, 1094 (2011).
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Origin of Electronic Ferroelectricity in an Organic Ferroelectric TTF-CA with
Large Polarization Directing Antiparallel to Ionic Displacement
("PF&CMRC IMSS KEK, 2AIST, 3JST-CREST, 4The Univ. of Tokyo, SRIKEN)
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[#E5] R ABEREMBEER TTF-CANNIZ, Rk« A o HEBYETHY . &
i H A T TTF & CA O%MRR — RO IEEZ AT 205, RIEA A PEETIE R
FT—=(TTE)» 67 7 &7 %2 —(CA~DEMBE) ZE 2 & FRHICFEE T I &b Lo
~E MR 2R, AEBITE CHBROBEO BRSO, KSR E b 7220
HEIE(Pn)~tPENZAET 2 2 E0nh, RIBETIIEAEHCTHLZ EBMONT W, A
16 30 FLL LTS E TH 03 IRPUE MR W Z LIS < U — F RO iR E o R 72
ER®Y ., BEG-OWERP-E e 27V v R), HHWVITEEIRONER ENFETHY | 78
FBEHICBT 2 0BOMEIT SN TR - 72, KIRICBT 505 7OMEkp ~ 0.6), KO
T OEMED/NSNZ E0 D AEMET ML DA A VG S VN EZ 2 BTV,
Berry fZAHGRICHED < F—FBEED O TR S D 5 BOMAHEHY & L TR E W
7~10 uCem FRETH D LGN H v (2], T DO MOERCS I BN ER Z4E D T\,
ARl BB 72 B S O ONAIE Stk OFEM 72 aHic K 0 . TTF-CA (231} % B354 1
JBIEEOHIEICKII L, KEARSEEEL O L 2MHRT 5 E &b, BRI ERIC X -
TH LN T OEN ESBOFG ORI D, 2 OWEIZBT 2 oI EM KBTS
NTIEHMATE T, ERRBETOEBRZOEFTHLZEEZH LMLz TRET 28],
[FEBR] MEaRITEIEICEW, FERR L N F—a71, 7787 % =0 a7
F o THERL LTz, BRI 5 Ix KEK PR ICE1F 5 B —A T 1 > BL-8A TIT\, Si Hifk
1D %2 AW RS L > THEAL L X W=1.550Z2Hn, A A—J 0 77
L— FE2AWTHRE LR T ED O EPTREONE 21T 7, REFOMHAIZIL, He X
AT R s A VT2
[ 5 & Z 2 URIRRZAE BT 5 TTF-CA OES-DERE % X 11579, s (Te= 81
KT % Clrifbdn OPUEME S . FRIB TIEIEREBELE PR E L 2072 0BHBHE L 725
ZEmn, BRONTZIRERLH O A THIHIN FIEE CTh o 7o, (RIROREREIEN D THI S5 8
BT T L TONBEIL, P=0.3uCem M FRETH LN, K106 5D LI DMy



MRAEIL P=7uCem™ &, F—HHFENTET 2B, RERMEEHT 2 Z LR LNTR
77,

TTF-CA O T RERSGWBOERE LT, A A5 X DEEMNOGAEL DA A i
Mz, EFOMVICE > THELDIHMOELENREZ bNDH, HJREGFECTIX, JEREDRK
JEIREEZH T2 & XM T MDA A mpBOMimEIcAE LD ETFTEINTEY,
TTF-CA (231} 2 50000 516 2 PT84 5 72 DI e e X BT EBR &2 17 - 7=, X BIEHric ks
W, FERSEE AR E b 7 e OERE Tl BE SO F 512 L 0 Bijvoet 5 (hkl & hkD) D[R]
PrmEEIc =N E T D20, N2V THRBOKMEEZIRET S Z ENARETH D, Wik
BIRDRE T MRITEERIFRR RN &N D ANEA 6B Z N L CHRE R o 4o )
EHWizxH L. BEOFN, TROLOMODITE & 5T OO GRS,
TTF-CA Hififz AV, BBIEEL ECESZHM LN SWmHEIEZIT O 2 & Tofa ik X
. Bijvoet Xf O EIFTHREEI(101) L 110D DO EALZRE LTz, X 2128 T X 92, EBIRELL
FTINoOEIREOZENPAMICBIRIS ., £/, BHOMMFmME ANEZHZ LTk
S THRE DS HERT 28816 W S v7c, BLI S 2072 BT R E O LI AKIR O /% db i & 2> © 3HE
ENDHEICELS —HLTEY, BREERTH-OSB N AL IR >TWVD Z EBRHEIR SN
2o WL OO TORIPTIRE O K/NBIRI DT OBEM I ZRE Lz & 2 A, BN
ETANLTRENLIEMEZTH TR THL, TRbLIEEMEZ & DOTTFP 3 77 AR
BEME B OCAP™ N~ A FAHA~EN L TNDZ ERHAL MR oT2, O EiE, A4
VORRE D b 1AL ERE RN A A OB T AT EEERL TR,
TTF-CA IZBIT 2 0BOREN Ky — - 7787 ¥ —"8BIKIIBIT2E DR &Z 08I
BREBITBHNCLDIODOTHLIEERBLTND,

10 1.0 . ; .
f= 100Hz LE=4KVem  (fla-axis)} L. (reflection 101)
> | '+ B [ (reflection 101)
Al ' I
O o ] [
2 = :
c 0 T 05 —ae—4
= 51 g4t 0 |
N 56 e
& 58 : * .t
g 5 60 3 '
B 63 7 '
iTe= 81K
O L 1 1
T R Lt 40 60 80 100 120
12 8 4 0 4 8 12 Temperature (K)
Electric field (kVem'™)
X 1. TTF-CA \ZH\) 5 BH—/y e (4 2. Bijvoet *F B4 58 EE b O IR AR 7

References [1] J. B. Torrance et al., Phys. Rev. Lett., 46, 253 (1981). [2] G. Giovannetti et al.,
Phys. Rev. Lett., 103, 266401 (2009), S. Ishibashi et al., Physica B, 405, S338 (2010). [3] K.
Kobayashi et al., Phys. Rev. Lett., 108, 237601 (2012).
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Study on the electronic state in neutral-ionic transition of charge transfer
complex TTF-CA
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SRAA RN, TREE FERFE & A L I AN

A —RF ¥y N X L WNWol Ly k=Y S 5 cl Q al
AMEHCIN A, EBHTF, T/ Faz—F—, [ N ]
HRIFMEI 72 & S FSERT S AHE s s cl Cl
FHOKTHD, =9 LI Hikies . Ak TTF 0
MEE AW TELRNIE, BETTLFL T CA

72, HIRZ v RZ#EET 5 LWV )RR ETED
L7z S ARG CE . SRR ACITD
TW5D,

KWrgg oxtHR & LE R —MH0 7
tetrathiafulvalene (TTF) & 7 7 & 7" % 445+
pchloranil (CA) 7> & k& % & #f & &) 5 (K
TTF-CAFig. DIE. 43 DOMEEALITFE 9 fmiE
PR, M & R R b E
RTWEE L THERINLTWD, ZOWEIE,
SR TIE TTF 51 & CA L T IVERIR TR A Fig. 1 TTF-CA Ot i
FEE L., —Roeh 7 2% BT 505, FHIEBIR
F£(81 K)LA T ORIEAH Tl TTF 7+ OEM BB Rp 23+0.3 12 5H+0.6 DA A R E~E Vv
7 LU TTF 437 & CA 0B —BEKEKT D X 510 FENMBEL D, Z OFPE-A 4 (NI
BRI, BB 2 U —HNCHE - T 500 FREEICHI R L, TR ERERA OIE 5 8\ 23R BL
T 5, fal, TTF-CA A & LTI RE 72 B D186-7T uC /ecm2) &R D, §HEM DN 7 1A)
LT R E OB RN EL D E VD ZIVE COMBEMRIZE SN o 2B 727800
TS T TRREEENE) THDHZ EBHLNE o TVN SR

ZO X I TTF-CA TliE, &K% 7279 TTF 43725 CA 53 IS B B a0 £




Ll ECRELRARDGBNENTWDED, ZORDGFDEAIRELZFHLT 5 2 & 1350
DORFEZFHTH7-OICEETH L B2 bND, T2 THAIX, TTF 251 ® S K-edge |Z7EH
L. NI 85BEHZ8B0T 50 F OB FIRBOBI 23472, LU OFERITT S THESEZHW T,
PF BL-11B ({2 CT{T~>7=, TTF-CA ® S K-edge TOHE ALY bV T, 2470 eV LD ' —2
2 NIRRT CRE AL TRY | KR THREREAL TV 2 L2VR SN (Fig. 2 ().
R T ML, B FDAY v 7 FHaTh DEED a B &ATICRD X ITRIEL TWD,
SFE Y| TTF 5+ OniliE e LEE S RICREEDB A>TV DTz, ZD A7 hLid HOMO #i
DEBEZBHIL WD BN, Fio, REZICHEWVEERIZE—27 DL TWDH D
TIE72 <, NI BRBIEEAT CRISARZ{LE R L2 £, NILERBICHE D B IREO S (L2 E
BRI Z CWBH LS 25, E6I1C, TTF @ SK-edge TOHIEALY L& lE L=, TTF-CA
DORNE & R, ﬁt&&bn@ﬂwFA%@z&/yﬁmk ﬁ#éio L7-. Fig. 2 bR
Shs X912, 2472 eV FHTIC E— 7 BB S FL, 2470 eV AHTICIZE— 27 3Bl S 2o o 72,
TTF <ix, HOMO #ji i wwiﬂofw@wt@ NTCA@aﬁZAa%wfﬁﬂéMt
v — 27 1% TTF 43+® HOMO #LETh 5 & 5%, NI EBIEERT% O v — 7 BE 0% ki%, TTF
45FD HOMO BB IR —ANER L TV AEEFERBL TS EEZHND,
aj‘ﬁzf\ﬁ FLVTIX, o FROYEL
BIREEZBIIL 1D, —J7, B X
n’vﬁ%&ﬁL(RXS)@aﬂﬁ%ﬂﬂu\é L. NI B
2 D RO I B D 55y D
WREZBUBICRNT 2 Z &3 TE 5 &
] FEEIND , F5N7-RXS A7 ML TlX
E/fallp | BRI L 72 B RCEALE(010)12 8 T RXS
, ; ‘ e+ sZ Liclh L, Sl
FEIR Ty 1D B & Kk U715 5 03MF
1E L7228 ARIEA T oo 2 HOMO #5812 5%F
1 ST MBI — 7 BT D 2 AR
1 S, PO E KB LT E 50
1 BN RED LTz,
y _ S | BITE, NI -0 0m a5 BT B O
00 et e W;ﬁgzm s BRI A B L T, #AEAXT FLro
HAmOMIZ B L TR0 . PR T
THTETHD,
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