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1. iZUwic
IERRT R /W BERENORFEDTMIZEANT 2 EHiTIE, &EAEAEGHRE VT mRNA _E Ok
ARy (Kika Ry, affda RuD, JERSRER R 29, L) ICHERRT 2 e tis S8
HZLICEOEYNE-TWD., 20X RREINE, KRBT I VBICEIAZEERTIELRRWE S 7
Bex B E B AEICMNINT D 2 L2 alfRICT 5. LLAand, £ OBRAERRT I/ BOEA
BHAOENHEDNMENZ LD, BEERBEICEAMISEATE I ERRT I VBRIFELN TN S.
FERIRT 2V BOEBEAE~DOEANGERNMENEH E LTIE, TOEAL—FE2EXD E, KIGHEBE
VAT AIBWTE 2 OO AEMERE Z LD, T X BRIZtRNA KA L= b, FIERIA 7 EF-Tu (2
72T LV tRNA DIRBE TR SN, UAR Y —AISEIZN TEDONTLFF FICHARAEND. it
ST, ERRT I VBOBANENMENGEOBHIL, OFDOIERRT I/ BEA EF-Tu ITFFE I
WDy, @QUARY—AICHERENRNWZD, ODELLENTHD (K1), =& 21, DEDOAF A=
VRT 2= ANT T2 DEANRMENDIZV R Y — L L OREENEROL S THDH Y. Lo, FF
KIRT 2 VBN EATELRWES, ECUVRY—2NFEREN) Z LT NnThHAH. FERRT I/
A2 EAEIEAT S I ZTE B L% EF-Tull oW TIiE, BAMCLRKESh Tz,
ZZTEH LI EF-Tu LIERART I VBORNEAENZDORKD 1 2L TNDHZ EEH LML
EF-Tu OSEIZ LY, ZNECTEANRRE >72IERRT IV BOBAE~DEANZAIREIC Lz, AH
TIE, EH D OHFFEE LIS, BF-Tu EFERRT 2V BRICE T 25EE BN T 5.
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B1 BRRAEZENLEEAEADERARTI/BOBEAL—ME, BABENMEVGESOREA.

2. EF-TuDT7 I /)BERME

FERRT X/ BBEAFIFIZE T, BEF-Tu O&FEFIN RIS SN TE -0 MHE T2, 20 O KRR
T2 BOB TN ofEEMANY) 2—v a v nb oI bbb 59, EF-Tu 13427 7 Vb
tRNA (il 21E, Val-tRNAYY, Ala-tRNA*®, Phe-tRNA™) [ZEIFRE DB THETHZ LA HLI D
HMHNTWE, ZD7=, EE-Tuli7 2/ 7Y /L tRNA OT 2 BRI AZI1E & A EFEM L T s &
PRTWES LRSS, ZARAEYSAR S BR-Tu NERROT I/ BB 2GS 5 2 & 12T
HD. LU EF-Tu X7 2 /B BN L ) OIXEEfETd 5. Uhlenbeck H1%7 2/ 7 2 /L tRNA
WZIET7T S BEERSY & (RNA 0 H LW MIRD Z LIZIER L, 7 3 7 BEERA 138 72 5 Y tRNA 554y
BREILTLDOT I )T tRNA VU —X (Flz X, Val-tRNAY, Ala-tRNAY |, Phe-tRNAY) % {E- T
EF-Tu & OfEAZEE L=, 2L C, FIZEF-Tu R0 7V BAERYIFLT D2 LIRSV



KIKD Y AT KT, FFET ) 7 2V (RNA @ EF-Tu ~DFEEFRE N> TWD 0%, UUTD L7
Hitholz. BlZIE, Alaix Val £V EF-Tu ~OBFPEIENA, (RNAM X (RNAY LU EF-Tu ~
DOBFENRE W=, Ala-tRNAM & Val-tRNAYY @ EF-Tu ~DOfESMEIXFR%SE TH-7-. oF 0, KK
DY AT NTIE, 7 X WS & RNAE Y EISTHINIZ AN T A% M- T, 7 X /7 /L (RNA @ EF-Tu
~DOFEEIREZ YL L TW=DThHH.

L7223 - 7T, EF-Tuld7 2/ EERABEHA~ORRENIFE A ETmNLE NI DR THY, £570b &,
FERIRT X VD EF-Tu IZiEMi SN 2 & b4 RH D 5 5.

3. EF-Tu b #HERRTI/ BOBEEMH

FIT, ERRT I VL BF-Tu & OFSGER~T 90 ERRT I VA HEF L7- (RNA & EF-Tu
DOFEGREZIE LR, K212RT X5 iR a2 57, X 2 /212777 BODIPY-FL-AF 7¢ & DFERIR
TR ERIE, RERTIBEEARD LEFTHON EF-Tu IZEATDHZ ENRINZ. —RI45L 0k
VRREIRIEFRIRT 2 VBBFEET D Z EIXEIEN, EF-Tu &7 2/ 7 L (RNA O#E LS DIl
LLAEDETAHAD EMEOWSHERTHD. 28R, 26O T X JBO EY/IRIRT I i (7
=T T=r) ERICETHY, TH¥a (EWY o —E RE Ra it iisy) 13X EF-Tu ©7 X/
IEERTy FONTHBZ ENTRENEZNETHS. 2 DRI TIERIRT X/ BIE, KO
T BLUEENEL, K2ADIFERRT I /7 BIZFEE EF-Tu L OFBERBIIITE 2ho7c. ZTh
LORERD, EMEELHO LAEDLELEMBTED. ¥R D, 7T /8 CMICHEBER X RGEHE
EPfFNTnD L, 6T EF-Tu O7 XV BHEAERTy FRIZIE G206 Th D, Bz,
IpyrAla-tRNA [ EF-Tu @ E215 fll§H & 525> TLE 9 (K3 B). 72, K2HIRTIERRT I/
felL, EAE~OHANREFICHETH 7. o T, TDXA FDIERRT I/ BEOE AR
X%, EF-Tu & OBAMEOIKSNEBL TS EEX LS.

ZZ CKRIGHE EF-Tu 2% A L, KRERERRT I VBEHARSELIZLA2HETZLICLE.
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B3 EF-Tud7s/BESRrY k.
(A) BFEREF-Tu & Phe-tRNA DEERDERIBE (B) 7/ BEESRT Y FEPOILKRR (E).
(B) BFARIEF-Tu & 1pyrAla—tRNA DEEEETIL. E215 & 1pyrAla QEISEAS DM >TLES.
(C) E215AZE{K & 1pyrAla—tRNA DESETIL.




4. EF-TudD7 /) BEBEEMHOKRE

EF-Tu O7 X/ BEREOUEIZ W TIZR SN H D, EF-Tu OT X J BRERMEEZ RO 7z
Uhlenbeck 5%, #E\WWTEF-Tu 7 2/ BIEAR7y v N OB RERZ D, BRIZI 0 /ERENRE(T
5&%%Lt“.it,£%6 %, BY VRRA 7 BR-Tu ZRIKEZE- B R b - 72 7.
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72. T har R T, ROFEEMEOS & ERDMRICHAE L TWEREAYTZ 72 Vot

0, BOMIE & IS OBIE Y AT AR R 2R > TWad. I bar U 7 OFERRICITIER
’%Lwﬁﬁl%%ﬂWA#be LR BRZE T DHIC ihﬁ%&%ﬁf%ot.&WT%ﬁﬁ
DI b3 B U TIIIMRE IS B S O (RNA DNEBFAET H. 22T TEF-Tu ld 1 DOHER%
I 1R L0, ﬁﬁ@b% k= KU T Okfx 72 B (RNA 12190 EF-Tu THIGT
EXDLDEAIM? ] LRBNELE. AR EZA, ZOFRRBICIZ2FEED L =— 7 7 EF-Tu M7
FELTWE 90 205 B0 121, Ser-tRNAN O ARIZKHET % EF-Tu T, ZiUX7T X /7 ¥/ tRNA
DOT I BEHSNEY CUADEDIZIT/BETERNEWD Y URERM] 2Ff> T, 22T
YU RN LD XD ey %6<m%%&5tw,%ﬁ%ﬁmmnmﬁbftuyﬁﬁm
EF-Tu [CFHEA 72 7% 3 2 RIS T D B R ER 21T o 72, ZOFER, BEF-Tu O 7 XV BEE R 7 v
MIEFREOERZINZ D Z & THEYEN EF-Tu 2% U U RA EF-Tu ICW AT 52 &N TE .

5. KERIERRTI/BEHET S EF-TuZEREOER W

A ICICRT &, AENIRERIERRT I/ BIC b3S T2 LI R EF-Tu 2{E2 Z ENEMTH S,
TR BRREEE T AUEIR, FFREEZHEICTALVMEICEZS. B CORITRRN
EF-Tu Z{ENT= D706, KEX7RIERRT I VBEFFAET 5 BF-Tu l3ENE 2 ThH 5.
K3BZRLE, IpyrAla D L 9727 IV BEAEAM EF-Tu IZHEA TE2WVWEBE, RERT7TI B
BISHE T XV BBFEA R v NOBONARIEES L Bbis . FRC E215 X° D216 7 & OIH 3R E 272
STWAHEHIIZRZD. £ZT, EF-Tu ® B215° D216 7 7 = @B L mBREKZER L.
HE, I3COIITH AT IpyrAla 22 E 17 2 VBFEGR 7 vy FNIZIRE DI T TH 5.

fak & LT, M4ITRT@Y, AR EF-Tu &6 TE 720 IpyrAla X° 9antAla (2% L TH, E215A
EARSS D216 25K, E215A/D216A ZRIKTFEETEDL LI hoTc. £o, T HOERKITIR
ROT I/ BEDRARBARFL TS,
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52, EAE~OEANRKEETH > 72 1pyrAla, 2pyrAla = L C DL-2-anthraquinonylalanine {Z -2
WC, B215A BREB L OD216A ZRAEZH NS ZLI1CLY, EAE~OEDFRENIKRD Lz (K
5). 7272L, EF-Tu &7 X/ 7T /L (RNA OFFGREDE S8, TDOEFERAE AR ICH TS b
TR no7. BEF-Tu X7 I /730 RNA ERAELTURY —L~E WY, 22 CTTrI /70
RNA Z[EA L THTITNR20WERLRNVDT, HEBHEAE L TSRV TIIEEE 2D TH 5.
E216A/D216A EHEARIZ OV TIE, l1pyrAla-tRNA X° 9antAla-tRNA & OFEGHREN b B> 7243, FHER
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B AEBAEERIEEIIRD TE) - 72, £77, 9antAla (22T, EF-Tu Z 2 IRICHEES L=,
;ﬂ%ZQW%mwT%%Egmmﬁﬂ IR N o7, 9antAla NEFEICEATE RO
EF-Tu & DAREETET TR VAR Y =LA LOAREE LRRNZE o720 EEZHND.
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6. Bz

Z Z Tl BF-Tu |2 B215A F£721% D216A WO EREZ M2 HDH T, HELIERRT I /B E DR
BAREBLY, ZNOIIERART I VBOEAE~OEANNEN EH L. 20 X5 RN, &yl
ELTzEBY TRERIFERRT I VBLET I VBREEGR T > NOMOSRBEEDHE 72012 8K-5<
DOME, FERATHL . MICHLESCD R EOBMET 2 Vi E AICEZ T2 LICLDFEN RIS,
ZEHIC KD BF-Tu 2 HEE~DORBEEEZEZ DN END 5. it,k%<ﬁ<f%mwm~®ﬁﬁﬁm
RO TIRWIERRT 2 VBB FEET A0, TOLHIRT I/ BEEAEICEAT A 7-0IXHICT
AR Y NEIT 5D IR OWIERLETHS . uimowf%éfétw,%%é6
BB ER-Tu EHERRT I/ BONRY =— g U E2#R0L, Z 0 DM EAER Z -0,

BEE AWPEIE LR RFBEMEETITONIRRTH Y, BERERZEY Lz 25 - b
528 Ol K ds L OBEpRaE RISV 72 LT
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1. 1L ®IC

LN BIRREC H CMMLREZ R LT 7 v 7 USSR ORESRIE, T/ A F T2
/myw@ﬂ% kwfhﬁwﬁﬁu@WHﬁw DThDH. T, Fiftz DNA BTz % L
T ARy 1 DR FHCE FE N O R R RIEILFTA T TV =, REDILAEDCNTH
TeREIEY) & IR ISR T D5 %@?&#Tb&&ot; ICHER LT A, 1992 4E121%, Brown B
Ki@@m%@%ﬁﬁﬁ$“7?F#$%§ﬂqlﬂi?uﬁ)?Abf@%&jﬂ%)&kﬁ@@@)
e, BRI EHORINMIZHE A T2 X7 F RRHEINTEY, EHIZPMMA KR Y HlE7 L, G
BHIREA T 57 F R MESN W5, BIIETIE, TN6X_XTF RE2HWT, T/ h+o7k87Y
RFEW EA~DAEERS T OEENMS L LUSHBR S TWS. ZOoHTHRAIL, X7F R2EETS
ESEEREA D TORR L LT, THUA) 1CH B LCE . JURIE, ARPEseE o mEEmagd 2 Hn,
BN RSHAE, ThabbErRNE c BEHAEE AT A ETHLN TS, Fxid, TOENS
1A ®%%Hﬂ~®%ﬁ%ﬁﬁbf%t ZZTAIE, FxBMTo TE Tz, EHEMEHRES X7 F K
R Uiz, AN AT v 707 S BHER AR OBSE DO BRI OV TR L, S HICEE L
PUADOMRERE, KO, MEREA v 2 — 7 2 — A5 F~DISHIZ O T OB T 5.

2. BEREVE~T'F R D CDR ~DO AT L % BEHETRHRE S Hiik o /Ul

" AR R A
H ORISR S HEO BB E LT, ARNREIsE FV’ 'cm"‘ e
77— VRRIER EOERNERFERRT DD, mi v M k2 -

FRFEANTHRBICEZFERTDHENTERNED CL:: \
. . . cm”’/f\\\“ \
ERINBIRTFIEIC L 2R OBUERE 2 b b0, EERNIC 4 X W K
FIE LR WPUR AR L 5512 0K TA 7T ) — 2 ME wyﬁgy A VH
. X ‘ . IgG Fv (oIZ $81%)
L, PEORBRERENS . TR, RS o8 g
%*ﬁéﬂf%f:ﬁ%*j*’l’ﬁé\/\7? ]‘%*IJ)EH L/, H{Z’-(@mﬁ 1. m{jg@*%%
O FE A E B 2R R A M R E fE I (CDR)IC R T F R &2 B

W52 LT, BEHE~OREE % BOHIEOER % NTF REES

0 ZnO-1 peptide

APTEE. EARVIHKVAPRE |
FPEFALL LT, SHIELT I v 7 X ThH HBLHEH \

(ZnO)~FEAMEE R TNTF K [EAHVMHKVAPRP] %R NRLEYMGY RISITRDTS...
U, BT 5 E5 L RBHKCONTIE, MERMRAEE S, | SR

RF=U R UIBEY VT ARG HYHEL-10 ZR L 77 [VSYSGSTYWNPSLKS| 59—y

CDR H-2
72(X 1). =L T, HyHEL-10 @ RIZfEIIZI51T % CDR D% HyHEL-10 M &3l

X 2. X7F REF] L CDR BE5 D & #i



nEN—@ET(H-2,H-3L-2,L-3) & ZnO FEGMERTF ROESN AL EHT 5 2 LTI T RBAEhUA % (Fi
L72(X 2). BEEEREA & L C, KAGE BL21 (DE3)EZ W THW R S H1-% 4 O Fv & & e &5
155y % ZnO BRI L, e U TG PR A IR CRURI e 2, A MEAIEIR CHUR D% 2 37
7o, ZOREE, BEHEHAEBEB(VH)O CDR2 IT<T7'F FEBA L 72 Fv (H-2) 28T, & ICH
EOFHEZHZR L, CODR ~DOXTF REMIZL Y ZnO FEiEANRE Lz Z L 3SR T 7=2(X 3). —
75T, AEARHIIZ B W TAT 7 RIKTH D Fv O EEH A A EIR(VH) & B8 AT 2 fEI (VL) MR 5 = &
Whmy, XTF RBMIZE Y VH-VL B OMBEIER B3 2 aleetE bRg S -,

€ ZTRIC VH-VL OffiZ ffikd 5728, AN TEEHO JE— T
BOFIkE UTHIEL, MORENEHT ST 7 FHik%~7 Tt mama
I RBALO REHUR L L CRINL7Z(X 4). PCR L2 L 0 Hip- M P WT Fv
77 B~—8 77 FHuiko B A Ik A (VHH)IZEB W T 3 —
SFEF B CDR DZRER 1 BFHc <75 KR L. (F = e
L7eBHEHUARIC OV T Zn0 &kl 21T~ 72 & 2 %, CDRH-1 - Fv (H-3)
\CATF REBAL L2 VHHL O B0 ZnO IZHEE L, 77 2Pk — F L)
ERBS LA AL LESAITBNT b7 F FORIEREE —
MR TEZ(X5). %7, “UAEE MRt AMCD) A2 K Fv(L-3)

JZTEHMBiL72 & 2 A, VHHL @ CD 1%, B4R L IFIERED - ~

) o 3. X7 F RBHLFRD ZnO A7
AR MLTHY, ~TFFBMEERHIEL < “RIEEZ R L
TWDLZENRDMroTe. ZTNETORRT, ~TF FEMIZ X
D UK OMBERBLUZIE, ~Tu RS bHEARTHD
T EGUEB L CWD ZEEHONCTH I ENTE

3. AR S 2T b2 F g A b P

PEXvExL, Z780nEkEs 71 —2U—27 L LTHY
BHIZET, RTIF FBIIC X » THURIC M B 2Rk & it
.U, BEREMMENE GHUROERIZERS LTS, Ly

B 4. Z 7 ZHikOfE

L, BIOALTIINTF FOWEELZBZ D Z LT TE 20, EES BHES
ZZCHANE, AT F FBRRRE IR L LRI IR T e dwma
R NT, HUROBRERN EEIT -7,

HEPRASRIGRIC & B B OFUAD R IE, V55475 Y |l VHH
—OFRPNRBEECTH DD, 7 LEFNCERICHIET D T A
75 Y —OEIAH = L EREECH S FIAIE10 7 I A = o
BT X DT B L EE E 1008 ORHINIEET 5203, Bl = VHH2
KT, 107 BHBORACTH L. ZZTRAE, TA4T7TY -
— P OPURICHT BB AR5 2 L TTA 75 ) —H - - VHH3
BEOMBEZ AR, SHFRAC BRI E BT 5 ¥ A7 20

5. ~TF BT 7 S HED

g2 A7 (K 6). et
Zn0 FEARE



HEEEATFR

it L fm]'
Second step AR Mm:
=R

Emuenn| | BREE

#itk (scaffold) AIfitknRE

6. ~TTF NBALA SR & Lo mBEREME LA IS Fik

FT, XTTF RO FRakaE AR 5 L /- BAEPUA VHHL %
PR L LT A 7T ) — 2T 52 LT, FUs~ D%
Filed, 77 —VEURIBIC X DM EA T o7, XTF R E
B L Cueuy CDRH-3 IT%F L C, BEROEMATEHE &~
FRPICEHETEND T VBEEFLLIZALIATF 8o 166 507 1i08. A, 10} AT “ARE TS 1

%o

/RO MRS

=

7

YRS, 0%, FERRLET 7 — Uk 200 & Ry

DIRE L, Vi % OV HHRIER IS, RIBFICFRYE S5 i 2 '§‘ =

DN=2 TBEE 4 T Mo (1 7). BRSnr7m— B 7 BR

CETRIL, Zn0 LIRAKMD L, BN 5 ilkE BCA & |

CCER L. Zn0 IS 2 WESRMBND TV /227 ko oV

R O CHRBEPIER(K) Z I Lie & 22, 7m—r 4F2 " w v w o moe e i

A Kp = INM &S @B A R LTz, Zn0 S A tE~7 F ABDN=2T &

FEBHLLIZOO VHHLIZIS W T, Kp 2411800M TH 0 5+ ) 1|+ CDRH-3

ST EinG, BRWENRK 20 (5 E LTV 2 L ibAo 7R BB O

To. AEROY AR & LT3 E, BUiR-HURR O f BRI,

—RIZEUM A~ nM FETH D Z &S, 4F2 [ 3EERS T 160 :

REAT ELAE PR DT 5 49 T-RRMAE & D L 0 2 5. f B e — o
Zn0 EEAME Y v — 2 AF2 ORSAHERE A AT 5729, §'§3' . o4 oo |

CDRH-1 ™ ZnO &> 5 FRLHIZ BARERSNC R LT & oo

AFAHLWT)ZAEILL, ZnO &R 5 BRI £ -7 B

ZORR, 4F2 (HI-WT)E VHHL OGN BIREED B2 G 0 e o5 1

ST(K8). ZDZ EiE, Zn0 REICKIT 5 4F2 OfEAICE THRR (Cog ! [uM]

W, BHART7F RECH O CDRH-1 & &R S =8l % o X 8. & PLAD ZnO IZHkT 5

CDRH-3 #4373, % 4 HICIER T2 0 Tii/e <, ERIIC DR SRR O R

ERT2Z2&T, MOBFMEZERB L TNDZ EE2RRT 5.

LLEX D, XTF RBHE & ARINRIRNS 2T A #E S5 2 & T, Foa TR RHI T L CRBifn
PERTHUROERICK I L, TNE CRESE CTH o728 T 2 v 7 RCEBFEE AT 5 @i aErE A
THARDOERIZR I LT 5.



4. FRAEATEHEE A DUR ORI & R RERTAN

BRI, MEHRRRAHUAZ o) R r 8/ & L
TORREMZRNT 5. Bfi) kM2 863 546K
1L, ZOHACHEBEREZFIH L72BEE ISR AT v
(72T ) MEERORERIEA TE 2 L4 1TB X TV 5.
FEl RS - B 2 86T 50 1%, AR T%
EEASEDOORmM LR EHIR LT, &
HA~DERE ) F- DS —= FIRAREE 720, B v
T ORI TIHFICEATHS.

ZnO MBI FIMEGUAR 4F2 2508 & U, SRR RH 2 2445
THONTAEMEST L0, BEAYKBAESTF FE
CDRH-1 (24l L 7= 5k AuVHHL Z/ERIL, 4F2 Lt
DU =% L CEE T LERICG SEH 2 LT,
HRF MDA 4F2-AuVHHL & /ERL L 72 (1K 9). —EHRF R
REFNT 2720, @6 ZnO & 4F2-AuVHHL % %% L
T ZE Au 7 L— R BRI, Wik, SESMR & B
T 52 & THOLME Zn0 DA B L. 4F2 Huk L
AUVHHL HURZIREG LTI L7ZBRIEX, Au 7'L— K b
D ZnO OWAE B S 472 o 7223, 4F2-AuVHHL T
12 ZnO DA EAMELI = 4172 (X 10).

LEX0Fexld, “EEREFREBEZR VD Z L TR
T MBI OBEEER L, ME-MEE ARG T DA v
B—T = — RGO LTV 5.

4F2 : ZnO fE&Huk

Hinge

.

AUVHH1 : Au &S HiLik

9. ZnO KA HUIR & Au kS Bk %
e U7 AR AERUA

4F2
\J UV light

( > excitationat254nm

ooo/\i [\ S (0/51%
0 % BORE
Fluorescent:E. AuVHH1 3
Zno ®

Au plate ‘é%{ b
Add to antibody
UV EA ﬁi’ﬁ%inot

=]

-

4F2 4F2 4F2- 4F2
+

AuVHH1 AuVHH1

+
AuVHH1 AuVHH1
EWRE) (BA) —EERY) (BE8)

10. —ERHMESURE W2
FLRE MR AL B D BE S SEBR

HEE AEREIT LEAESEE, RAERZFERF B LA 7ER RRRIIEE DR & v 7 (B R EIR, MRHEDL
JHERER, B ORERBIE, TEEATER)DZ KD ZTHRE - O b LSO THY, =
TICEE B L 9. F£72, FHEMHTFIEICOW T TR W W R KB kAl i et

D

TR EEAE SRR, SEEEATE 4R AL - RREPTIEICI VTR, RIRORZEHEG R AT IR AT O PRI
BEEZ, PG ERRR, KRAEMERICZ KRR I HEZTHE E L. 2 IR EHE L 5.

1. T. Hattori, M. Umetsu, T. Nakanishi, K. Tsumoto, S. Ohara, H. Abe, M. Naito, R. Asano, T. Adschiri, and
I. Kumagai, “Grafting of material-binding function into antibodies -Functionalization by peptide grafting-",

Biochemical and Biophysical Research Communications, in press.

2. T. Hattori, M. Umetsu, T. Nakanishi, S. Ohara, H. Abe, . Kumagai, in preparation.



EOE  -BREUEDPOLODFESEBREZRAIT IEREARDHASR
AEEIXRKFRFRIFMERDEIZER ME HE

1. XC®IZ
eREAE - BER O %%O}\I%f%%@%ﬁ' HI 223, EFToFmEPLEE ST o0
WO RN D D, Lo LIENLERDY TID DIEEF IR 3 2 7 NER DT X 7 IRik AL D

MENTWDHDOT, EAENGHY ﬁﬁbfﬂ&%&o W) T ERTERY, LEN->T, FOiEMHkT
AL)*B SENLIICHBL LIRS TREOET VEBIEN, TOMEZHN T 27DIcnEE D, 2

WZiX, EEEAEIESET LG Z AR T A EET L & %ODJimﬁ%J‘Eﬂ%Té%“b%?w@ 2 fE
3@:@0)?47"75%‘3”050 HEE7 VL, @REQEOHMSSE X MEEMT OB E %2 b L2y rkits
17720, EAICHEEE T ML E K5, IEEFLERE Y OESE T, To&BT LoNE LB
RPN RS TWH DT, HEET VLT, BAE - BREEETLOZ vy B A ZME 2R3 bt
FRITTERITROLR, ENLBEROSRBERE - BEICBWTL, TDIFEAENRE ZATF VU FRE
DA IF T =, TIVE I VBT ANT X UREOINA T NI ERERICENN T H I &I
Lo THERINTEY., ZRollidx, A7 4 U o ORRBREMNRMEEIIR O, Zhicki L, 9
NABROWEEET LTI, o007 X BEREICEUT 2 E BN HIZEAL, S HIZEA
LoEfILIZ > T, FLERICHT 2E IR ZHE L Tx/,

Loy LERBEEN T, @H
DARSy T JBSEIR L 22 0 |
LT ML A S N SRy =2}
BVicEshTnsdZ &n
20, Bl IXEBEBEAYE
O Tyl B L L e oroawainase  sstoyeonane " Ribomscaorse Redvonse
R E RS LIk » T,

A D2 iz L - THI &

EZENEBE OBEEILOEEIL= I X —%2/ S L, BETBEINEE 233D T 5 ( lentatic
state | &ﬂ?izhfb\é D), BERIEMEAVRER A T 22 BIEET LICE W T H N E A EIIR 55,
X 1ICHEESEESEHIT I L > TEONEXTF OIS va- Raxi ke ) A% FF—F
(PHM), 5N F7H LA X7 F—FBNDO)E VAR X7 LATF KU X7 Z—1F (RNR)D R2
PT o=y ORI TSI T L OREEZ T Y, 2 2 CTRNR O ST LITEFBERCCH D
WA R A X7 —F (MMO) & [RERIZ Fe',(u-0), D4R Z #& B L T Fe"Fe'(u-0), M EK T %,
INHO&EBHLEDICHE L TOTHIEN O, Wb ENRAREEZE LD End 2
ETHD, TN OENAEEILT R RO SR ZREL A, X7 T MEBEESCKFZREES R > b

— 7 R FOBEAERBIZE > THEAI SN TWA DIl & Ind E26Nn5,

RIZ, BREAY - BEORNT, 7 I7AXZ—FEEETLILORH D Z L2 EN TR SR,
I BIERE BEIEMHALT B ONEER ZE S G2 TR, 7V 7 AX—BIKRTEETE2ET DL
BIREMGE AL —RATRoTWnB EBEXLND, FlziX, BEELATHIHACEEND T v 1—F
REONVTFRHERICE ENDWEFED T O 4B R ICHA OMEE X, Typell & Typelll 7> 5 K 5 = F%4H
7 TAR—EETH D, Flo, BEREIT O MR EME L L OREMEDIZH VT, KOBLKIRIC
F 0 EFOMAR: L BEFEFEAEAT 9 DIT Photosystem I IZEENDIEED~ T« DIV T LT T AHE
—Thd, BN TETNVEBREERTIOL S 7 "L EOMREEESEMEZAK L L2 &9 uE, B
CHRRIEIZ X DE /) ~—@BIHKDEAIRTEA D . =L EOZEALENL T2 FIH L huidie b
VN, BB ROSHICZE OREERBGRT 2 KA H Y . BE I REE DR FHOA K IG5,

UbEDZ L u2EE 2, EHOITET NVEREROFIEHNIZIRD 2 K -T2, OB O

1 BRIULEZFEIIEANLREECZEEAEOERLS LI ZRERPD.

-10-



RN &0 U AR B A FARRN ORI RE 2 & RE 0 (24, OMENHRT 2 2 L ozn
= URORAANICE BB T LA T 2, ZNHICHL TRIEELNIZERIZ OV TIERD,

2. BAREABREE % M L7z B 5

DT & B 5 FIRBRIEHEAL (1“__.&§“__,§%§"__>

FPRALT OB ~T T ek " P
-)-Sparteine

FHEG 72 E 2 O TSRS HSIT 5 (Sp)
o VBT - R HE XS % LT B WA H2 BREEICLISTIVHEHETEROBERS.
Mz, o7 I REAF 268 LT ey ) oA [Cu"(BSP)ICL,

21T, £ZTAHEL &bRTHED <
BmWEKEAETLOENM L LT
(-)-Sparteine (Sp) % v 7=, Sp D =#k 7T
I UERF NI EIC LG S,
FEEWEEOS 7 a A~ B MMbo
T 7 I vEREFAFOMEE
DI EFRTORIAITERICETE SN TV D, Sp DFFERESEBIELEZ - —E0ES L E A D
BENLAINSHE SN TREY, RO ERMNIAERICKE S EALBMEEEHETHZ ENMLNT
W=, Sp IZFDIEED U o 7 DSIARHI LI 723 T K 0 | o-Isosparteine (aSp) & B-Isosparteine (BSp)
DOREERMERPEET D, X 3 ICHFE R X ST C5F 5 4172 [Cu"(aSp)]CL, & [Cu"(BSp)]CL, D4y
& & oRd, 26 OHADSEARIL, Wi D JTahn-Teller ZhH12 & » TEEL SN 5 i D,, i
B O, BN ENEREO 4RMEEZET 5, 22 TEHICaSp OFMO Y 7 B LN
XU CARREE L LB 720, BSp DALY Cu-NFHEANEL 2V, Cu-N = 2.031(2) A (aSp) >
1.986(2) A BSp) L 72> T =, ZHHDZ LiE, aSp OENARXN DS 215 7210 T <, A
N R TCRMNEREOEBTL~DcEHEGENIEFIZH N LEZRL TS, ZNHLEHFEL T,
THREIEALBRRIETE T NC BT B AR Y OB & B EICE B L. aSp SOEABRNL A
ALTEOHBENZ B RAEEY IAAL, T IREEHE OB
PR 72 EMEAVIZ DWW T, SRS IR DO R TR L 7=,

THIVE T OESR-EASE S IRIC O VW TR, MEEREAE T
& % Hemocyanin (He) D F e R0 LB & O F 7 VA%
WZBWT, Cu'(unm>0) R THL Z EMIX LD TRIN
Y. OB He DFEFFIINELTH 5 OxyHe O B & X BRS ih
HEEMEATIC L - TRHERB S LTz, S HICHBOIIFEIZ L - T,
u-n*m*peroxo FED O-O FEA N FAR L @ -k Z H 35
Cu'l (u-0), FE D A2, Cuy(u-n>mP-0,)fl & O Py N FAES
B ENFEENE Y, 20 Cuy(u-0), FOMEEIL, BT,
OBEERSBRIEETLEAT &R EAEO&R-TE
HRFEAROEERET —7 Lo TS,

Fex i XET, Sp L xoMEERMEKREZ HOZEO 7T & = U ASSA[Cu'(X)(CH,CN),]SbF, (X = aSp,
Sp.BSp,n=10r2)Z A L. TNHE-80°CHY 7 A X P TEELREAT H LHOMIRIGL T,
S D80 Cu'y(u-0), fiZ LRk T 5 = & 2R L7120, = O[Cu™,(X)(u-0),]** (X = aSp, Sp. fSp)
T RO TFEHEOE WY T 2 L TELE O Cully(u-0), i & 82T, >0 Cu<0 LMCT 3% 30 nm
FEPE AR = L B — B & FU(A,,, = ca. 330, 430 nm), Cuy(u-0), = 7 &KRIZH KT HiRE D ILIE T <
BN, #E O Cu™y(u-0), FE X D #) 30 cm™! B R R L B — AN S 7z (v = 623-636 cm),
INBORERIL, Sp £ X ORERMEMRICE D “ER” BNEOMFLKIETHRE LT, EBEA AV
—FNL A D do-potliEF DA — /=T v TR/ LD | TR OoE GBIV L EZR LT

3 [Cu'(aSp)ICI, & [Cu'' (BSP)ICI, D#ERHLE.

4 [Cu",(aSp) (u—n*:n*-0,) (B2) 1D 4 FHE.
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L, B oHBT v AR FLOKREY, TNETOMRE YEBWM L CHKT B L.
[Cu™,(X)(u-0),]** (X = aSp, Sp, BSPIUZFE N TaSp DoE UGB HIHTWZ E R oTe, THUTkIC
WARTe o FNEE RO X FAEE RN T D7z Cu-N A O & —ET 5,

WIZ, aSp DRIZBWT, BEERHEA 4 Bz) DRERZEREN 2 HFEIE T, 77 h=k
U ILEEREZ-80 ‘COT & b FCIERLIRET D EBREFO LRV A, =372,741 nm |Z Cu<—O LMCT
W B S EINTZ, & BICHIR T < o 227 h L Tldv= 752 em 1T 0-0 F5 A HR OEE) v — 7 2315
DIV, w-nt? RO TSR S — A % VRO AR AR S N 2, T2 DT LR E AR A
B b X RS IR L T S 72 [Cuy(aSp)( u-177:17-0,) B2)|* D4y i1 2 X 4 1R T, ZofEick
WT, IEHES T B ETIREE TH B 38— A F VKT )L % side-on BRI THB L TR Y, £
D Cu,0, ML O-0 FEAIZIR - T 132 LTI > T\, S HIZZ ZTHEETARE Z LT,
Bz OHHENLTH Y . TOMBAREIL 2.11-2.128 TH 0 B EA L Tz, ZofEIcEk ST
DFT 3tR & 1772 o7& 2 A, Bz ORI O AR AEMEILIZ & A e AR L L CIEFITA A
VT o T2, ZHTaSp DoEF LG NIEF IS WD LA, ST LOEIERE R EZZ NI EERD
T T =AU ThD Bz OEENI ZH Wb D LB 2 b5, EERIZZ OaSp & Tk, — H Cu",(u-0),

ERNAEAR LEZOB ., Bz ORI Xk OH
B /

Cu",(un*Mm*-O) N AR T 5, Z O AT i 3 B8 q?f \%%ﬁ\m&,H+?5

% S\ m [ ] - . ‘ A TN VAN e
BHNLR A RORETHECTEZ 21T (K5), o o D820 P
IFVRE 70 M X 2 B AR~ A BRI 28 S — A 5 Y

VRS A X VAL BRI FIREE SR T 6

MLk 57 v A &R L TR FBREN, H5 ZEREMTFISL-oTHEEIh-BROBEIELERG

3. r—VHEOBMNTFHNIEEEBT LEERT
%

X BIZAERN TR L ORS TOMREERICEDL % 4
BEBPE - BEORNT, HEETLICERSRITE L
BILHED I TAX—,HTHHLDOICEHL, 2D X9
IR RENYED 7 T A Z — RIS RER DA E KA TN D, &
CIITHEEADIL. RISTICED T T AKX —HEE N Ascorbate Oxidase
WD E NIRFRREREMEA L L TR
22ETHD, ZOEDIZIDOL ) REBRIRA A B6 7L FEED= R DOEE.
Bates 7 AR —fEEE ., DITIRO GO R T E )N
IR ST b, BITEIX~ VT HIEEE ICE SNDBFE T T O 4 B8 IC A O S
(®6)Yz#HEL T, IR FNHORMZERIC, =7 7 A2 —fEx2 38l L, £3. BRko
LB DR INTHBEROBRIEEEZAT IO V7 H o Raer—UREN+ L & LTa/mk Lz,
IEHAOCTREK T THANSELRZ G L & 2 A, ZEHADSER T H 5 [Cu"y(L)(u-CO,)](ClO,), (1)
DEFHNIZ(K 7). 2O ZESRADESAR 1 137 — U5y O I E Y 3A A T2 BRER AT A 53 - DS IR R A
FER0 . ZOOHIDTLERE LTHEEZA L TWe, &2 OHANA A0k, F— P BRIBL -
L2 DREZRFE S D—oD ) DU b N oD T I VER LA LT\, 5, Ar T CTREERE
AEBIIRole A, WIZIRIEA A 25 F T, ZHEOHFPLOETNENICKEZITE Rk Y
A A PEL L 721 2 A L 7= [Cu™y(L)(OH),(H,0)](Cl0,), ()1 biz, ZIE %z LT DRI
BENDT v I —EB R ED~ VT HIEESR O =T AL EEI L TV D, 2O = ZHIADEEER 2 O
EX, P LOENFNCKELIZE R YA AU RN LEEE2A L TEY ., btk
DT EOEN TR ARETH D, ZIFEEMIEREEZ AT 2 EEX 0N, REBTAZREAALL L
ZA, RIS L 2B LT, ZOEKNER Y 7AX —OFF—7 2Bl Lg%
WILIE, v VTR ORE CH DMHE D T O A EFIRILOHRIR DT, SO MRS~ )& 23 7]

Type Il Cu

Type Il Cu
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BEThdLEZOND, S%IIEHA AL UNDE — & BEBERA L 2 OH IS NEICE
AL T, ZOIMEIZOWTHEHMNEZIT .
— AN 2 n

-
-"-"A-" :l_‘f_“\ y = k54 Sl
R\ \es i > <
-...4{ \ ~ N = X'hr < CO — 7
/ N1 02 7 = r\\5.59/ N / ‘//\

o e cu2\3§__213’/ “ 551/ » (‘;*-2'48'2 l-’ \///\‘uvr .
/ \Q,——"""'of -1/ 2837 vi:"OH - NS0\ — I B
\ NZ/.. Cul NG/ = e ‘_\CUZ | \‘/\‘“ \\() & \_,

— % I/’ ‘‘‘‘‘ P — -

R O~ .--Qg.\.‘—— AN _/\ NN /::/\_/
— g
4
7 AOEEBEFICHELIZZE#IAY 5 X2 —ibC &5 ZBIERFDOHR.
6. Bbbiz

FLERBEVRA IZ Y — RNV R B D T EROEN A TH AT X/ BEREIC L > TF
RENT-IENLREBRER D, ~LERERBER ICVCHNT 2 2R EE 2 R BLT 5 Z & 2 HfR T 5 DI,
—RHE2EECIHEFICH LY, BEEE - BREOSET.OICIX, 3 0EFEL En TRARK SN -3
RSN REPBHNTEBY , 2K L TEERILETEZETT e —FTELH0, E0WHE AT
DWVHIEEFSTEZXTCLE S, ERREREOHEICHKDINT, 4 FCHLED L~ TaEiENE
HLERD ZEZRAEDFOTIC, RRICEPDIERBIEEET L EZ ST,

R
. B. L. Vallee and R. J. P. Williams, Proc. Natl. Acad. Sci. U. S. A., 59, 498 (1968).
2. a) S. T. Prigge, A. S. Kolhekar, B. A. Eipper, R. E. Mains and L. M. Amzel, Science, 278, 1300 (1997).
b) B. L. K. Kauppi, E. Carredano, R. E. Parales, D. T. Gibson, H. Eklund, S. Ramaswamy, Structure, 6,
571 (1998). ¢) D. T. Logan, X. D. Su, A. Aberg, K. Regnstrom, J. Hajdu, H. Eklund, P. Nordlund,
Structure, 4, 1053 (1996).

3. a) L. S. Childers, K. Folting, L. L. Merritt, Jr., and W. E. Strieb, Acta Cryst., B31, 924 (1975). b) E.
Boschmann, L. M. Weinstock, and M. Carmack, Inorg. Chem., 13, 1297 (1974).
4, a) N. Kitajima, K. Fujisawa, C. Fujimoto, Y. Moro-oka, S. Hashimoto, T. Kitagawa, K. Toriumi, K.

Tatsumi, A. Nakamura, J. Am. Chem. Soc., 114, 1277 (1992). b) N. Kitajima and Y. Moro-oka, Chem.
Rev., 94, 737 (1994). c¢) B. Hazes, K. A. Magnus, C. Bonaventura, J. Bonaventura, Z. Dauter, K. H.
Kalk, W. G. Hol, Protein Sci., 2, 597 (1993).

5. a) J. A. Halfen, S. Mahapatra, E. C. Wilkinson, S. Kaderli, V. G. Young Jr, L. Que, Jr., A. D.
Zuberbiihler, and W. B. Tolman, Science, 271, 1397 (1996). b) B. MaHedman, K. O. Hodgson, T. D.
P. Stack, J. Am. Chem. Soc., 121, 5583 (1999). c¢) M. Kodera, K. Katayama, Y. Tachi, K. Kano, S.
Hirota, S. Fujinami, M. Suzuki, J. Am. Chem. Soc., 121, 11006 (1999). d) P. L. Holland, C. J. Cramer,
E. C. Wilkinson, S. Mahapatra, K. R. Rodgers, S. Itoh, M. Taki, S. Fukuzumi, L. Que, Jr., and W. B.
Tolman, J. Am. Chem. Soc., 122,792 (2000). e) L, M. Mirica, X. Ottenwaelder, T. D. P. Stack, Chem.
Rev., 104, 1013 (2004). f) E. A. Lewis; W. B. Tolman, Chem. Rev., 104, 1047 (2004).

6. a) Y. Funahashi, K. Nakaya, S. Hirota, and O. Yamauchi, Chem. Lett., 1172 (2000). b) Y. Funahashi
and H. Masuda, Nippon Kessho Gakkaishi, 45, 328-334 (2003).
7. A. Messerschmidt, R. Ladenstein, R. Huber, M. Bolognesi, L. Avigliano, R. Petruzzelli, A. Rossi, A.

Finazzi-Agro, J. Mol. Biol., 224, 179 (1992).
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DNANELEHABEZHRARERFTHIMEIT S
FRAY - £iEESTFHEHR (FIBER) =17 K&

1. iZC®IiC

DNA OIEH#REETHD B A “EHOLHAIL, Y7V TELL, ELITBOTHHEMTHL Y, 0D
OB AT, ERENICTEET 25 ) AOT TR RO EAMEZHE L T2 L EZRLThH D,
UL, Fx OFEOWIEE R S0k 0, DNA ITHE A & BIOREICRITE LT, EFICEHELRE
EEEKRT D Z ERHALNCENS>DOH D,

Lk & 2 AT 5 DNA DX
ENGOARDO KRG ET DT 1

A Carich o 3 3!
AT ThHo(K1)?, 71 AT DNA sequence N W m\ &
% PR A AN
. CELEAME R RT S & Grion 7 B Y '

sequence

% Xi % Z"LT W5 ﬁE\ iﬁ & ézﬁfﬁﬂiﬁﬁ Double-stranded region Single-stranded region
OREMEN b2 5. HiER, 7 gy ~10000 mer e
TEVICEATH (G #) LEo @% :

Mool = {s" 4 Sen’
Mg cHs b oreEAEE T et éf%? X
el b e e

(C 8) »oEREND, BHED Ko X4 | \ >

D LI e e w w ok 5 o )@» | W J <7
GBI, Bt b eI Y S
G HCHERRE N TWB, ZDZEH G-quartet Antiparallel G-quadruplex  Parallel G-quadruplex

FEIY, WEOEAEEZAT

Do WHOLEAMETIE, 2D &1 (A)7o 27 DNA B)G-HAT v FOLERE (£).

T = UHENRRERY wESHNELRHAMEE (hR), BABNELEAEE
Hoogsteen M5t Z#Ek L G-71/v

T v EMEND PEEEEZERTS (K 1b), 20 G-I T v MRIEBRA X v FTHHAER %
L, SHICEOHLOZEIIZERA AV PENTHZ LT, MELEAMENEKR IS, WED
HAMEE T RO HFEMLH A5 T2 EEZ LN TWD, WE LA, MlaoiEdm %85 DNA
DOHEETH D E VR D, S HIZ, DNA WUELEAMIEIL, £ < OBBEEEBPTERT 2HETHLH 5,
Foxld, ARSI T AT T LA v — & L TERET 5 DNA IUE O AME & £ OB FRIZEMEIC &
ETIEN OBRER 7 (i) OBREEEMICHNT T2 2 & T, MIaNICBIT 57 17 A7 DNA O
EICOWTHE L TE, &2, 71 A7 DNA O EZ MM EREER - T4 BRI HET 5 - &
T, RS THA 7 DNAMEIOFRFHI DI D A TWD, AfETiE, B & HBREIC X - TR
BT 2MELEAMBE L, TOEEILZFIH LT N4 2 - #§GetE~T U 7L OREEIZS
WTHRIT T %,

2. KN TODNA DEELBRAT S

DNA NFEET H2HENORE S IZED LS 2
DT A D, MBRNDOEREEZ 70+ A7 —/LTRL
TbONRK 2 Thbd, —IIRMIEO RNA &1 &
175 ~150 g/L. % > /37 B &4 ®IT 200 ~ 300 g/l
Th V. RNA+Z X7 BEDOEHEIT4000/L IZH
K53, T b OEMSTF RN ED DRI, Mg
KD 20 ~ 40 WITIEL ., IR E > TR A AE
DT, 2O LT, D TRIEFICRAG S Z L%,
ST FUF 47 ERY, —J WE e

== : Cytoskeleton

2. MBEAREOEXK
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H 7R EERICFS
HRE R DBREEA 23
F1F %5 DNA OBl

D2 H N -
7o FTEAIRT T, d(GaT4Ga)lE
TWb, LaL,

R RATS

BUDENSTOREIX, 1g/ LUTFTHD, T7abb, MiaN L
YT T UT 4T ThDEVRD, L,
I5h EWEBIN 2o T, F I TEREGIL.
1 A7 DNA o@OZ HfEEk & @ "\ O AMEE (X 1) O & B 72i7%7

RBRENERTH - &
D17 T UT 4 v IREEI
NI TUT 4 TERETICBIT 5T
TEME & ft Lz,

ZEHifEIk DO E T /L DNA & LT, Oxytricha 3D 7 2 27 DNA TH D d(G,T,Ga) %
A L CHiEAT
ZO7Tu AT DNA DL PEG (R =F L7 a—u) THELED

TIOMWELEAMEEEZRT 2 Z LBmbin
T Ty

FAVIBETCMELZE A, FMONEL G AMBERERT L ENRanEY, Thbb,

ST T TUF I, T e AT DNA ORERE % 50 AT

HDTHDH, &5
—HEETHDZENRESNT, ZOMREIT

I/\éo
f@\:®i5&%%&%318@i5
DNA (4t

WOPATRNE LA TH D, 2O X H IR
ThHHN, 17707 4 7BRETIE, &<
BALHBEZERT S enranz ¥

Tetrahymena 7~ = X 7" DNA X, Oxytricha 7~ 7 X
7 DNA LRERIC, 372 70T 4 7I2koT
PATRIUE & ABE~ EBENEBR T H, L
NL, B hTBATDNAL, HF27T70F 1
TERETIZEBWTS, MEHAERKRT & RO
PATRINE S AMEELZ R T2 2 ERAMS
NEDOTHD, ZNHOREENG. 71 A7 DNA
Dizol—HHEOBEBNIIY, BFI7 T VT 4
VTR FICBIT 2EENBIICELT D E W
I ELDIRENT, DD, FEEERT TH
LITZFA S, 71 A7 DNA O EREEIZ
BB EZEMET LI ORETHL Z &0
BEZOLND, MEEERT CHEL N EmIcH
T DR AeBFFERE R B NI T 54645
FOEBEZEHET LD DB BLETH D,

@ B OLEAMEE . 2 TEHLIZ, DNA O
EEZOREMIIKET DI T I9T 4T D
R A ERILT 272012 UE L AMIED 272
L HEOLTAMEICY Wﬁ%%#kbto

NFREREZ RO DT DI FERE T &5 %7
TUT 4 VT BRE T TH %WE%%ﬁhﬁkli
T3 FNEH O AMEZERT 5 DNA % 5%
FL.Z7UT 4V ITRIETICBT2ENEND
R DB E AR Lz, T OME,

DNA WUE L EAMEE T2 70T 4 7k

2. ZOFATRIUE & AMIEIL, 250 DNA H1SH
. RBEWNEREE TH 2 AiEs
DT TIT 4y TEET T, DNA OR§IENR 4 < $72 5 Alq

WLTHEINDIDOTHA I N, Fi-,
HWTL2HDTHHAI N ZTOXD R EIT 5720, Tetrahymena &t FMHROT o X7
DNA DHEEIZ AT S+ 7 T U T 4 7 ORERF Lo, WA OMBARY| 2 i35 &
DKL=y MITzolz—HIEDOEN L2V (K3), £z,

TUNHIATRINE S AEE~E AL v TF &
LT ESnD, G-UA Y
SRR EHIlANERE CTH D
REMEZ R LI ToflE LTHERENT

FTRCOF AT

— DDk

T BRI P BT B M #F O

TR A & R A3 o Tetrahymena & B 5 12 A 7 DNA

Tetrahymena G-wire
drT G(GGGTT.:;GGG '
‘\‘

Y

it

Molecular
crowding

Human

d(GGGTI'A)sGGG =

B¢ §

K3 HFI75vF4vTickoTHERBEND
F o X7 DNA DEELENE

"ULM AI

G-quadruplex @./ ‘

Duplex

Hydration at groove

X 4 NWELEABEBEL _ELRABEIZRIT
DK FDEH)
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STREMATDHZ EE2RE LIz, Zh LT

T2 bHENR-729, &5z,
BEER DIRF LTz, FOfEE, UE LA
YL, SRV RS TR T B ol
xtL. ZHEOLEAME IIEER ISRV KRS
FERVIALZ EnRENT (K4), 2ok
DI ANG | BEREIE DR EMITIKS T
ERICEEREREZR-TZ BN ER
o7 8O Eim, KROIERED S EImBEE DB
FIRZEEZ R TE 5 2 L BRB S Lz,
D7 TUT 4 TN ELEAHEE AR
ZEMAL, WELHAMEZZELTHZ &
PWRENEZENH. T AT DNAD “H
AN T of&EE 7 T 0T 4
TN X > THIFE T X 5 AREME S RIB S 7=,
ZZTGHE CH#HMNLARDTE AT DNA D
WS KIET 17 T 0T 4 v 7 O A
FL7z. TOMR, AHRKRT T ELEA
WELZ TR T 20, 1727 70T 4 v 7 EBRE
TTIEENENOENNE L AMEE (G 4
@ G-quadruplex & C 5 i-motif) ZJZT 5
ZENbhol (5) D, £z, Z0XkH7%R
71 A7 DNA OREERIL. 017 70T «
YU DOMBEANRER T (R 4%
pH) IZXk > THFETE s 2 &b RILTWY
Do

3. HEEEME DNA MBI 2R3 T 5

Pl X5z, 7 v 27 DNA OfE L D
L ENE % JELBREER 1 TR 5 2 & ASATRE
L) oobh b, EEOLIL, TDL D7 DNA
s O B FRHIEI BT 2 R0 LT, DNA %
FAWT-BEREMEM B A T & 5 DO TRV
EEZ T, LLF T, 71 A7 DNA OffisE A
A v F &2 HAWTERE LIRS 1220
BT %,

(DDNA B 1 : s 1 &1, HEDOAT
WX LimBRI N E L, 35734 AT

»H5., DNA # W TR E T2 BRI 51213,

DNA O m R IE 2 EH O ERER 112 X
STHEMICHET 2 LERNDH D, EHDLIT
INETIC, G KT 5 IUEDLE AME
DES)FHVLZEMEL, — o F A4 OfEEH &
BEICKE L., £ 0% ElMEmD,
K'>Na>>Li*Cha o L xRt Lz 9, —J,

. DNA OEHERETH L BRI - ELEAMENRLE
Z DLEEA - R EAC DK % K D& & G L et oA R

Duplex Quadruplex
Y J
) =~ G-rich
B sequence T
0 =3
oo HIS ==
—*{3\ Dilute Molecular crowding

condition d(G4T4Gg4)
+

condition

M5 RTFI7790T4v7ICk-oTHERESRD
THu AT DNADHEERA vF
i
0 1
Li* M+ K
00 10
Gerich ;. C-rich ) =
0 80 strand s strand | (GF3 ) =*
L}:—‘% D %{ (i
5 Y N

Duplex G-quadruplex random

i2 r:-l-) 01 Il

1" l
~ e .
¢ A - %‘s\( [
1'. :}) ""4"- y "'K!ﬂy‘-

Ra:g?m I-motif ~ G-quadruplex |-motif
i

K6 7 oAT DNAZHAWERERTFORG

mEHEEE
OO—EEYDY
a_ ekl A L=V
\\",'"
D i
l-.'f."\ I

) »
2)

/ )
L/

2nm

TERATDNA LEREY DTS

& 7.
DNA T/ UA ¥ —AA v F ORGE
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C BT D i-motif DENT) FHIZ EVENIEIESRIF CLRE L, WEEFMETIIALENRT D2 L b
O o7z, SHIC, GE#HE CHEMERT 5 “EHHOEEZ EMEIL., pHIZH —lih T4 > OFESE
WCHIKIFE LR, ZOX ) RkERE2S LI, 70 AT DNA OE%E2 —inF4> (M) & pH (H)
TIHUFEICHIECTES (M 6), DT AT DNA ICENK T a—T ZEANTLHZ L TmBlHEFL LT
RES B Z N TE D, FlziE, GO I REITHIEENEZEA L, C#HO 5 RMICHOLR I
FEANTLHE, GHE CHTEOLEAMEEZ R LIZGAICORENBTHEIE S, o =20
WETITHENBH ESND, T72bb, 7147 DNA 28 ORwmHEH#H L L THfET 5, & HIT, 0t
CEOFHEZOEANMIBELEZDZ LT, BANGHEZEFrOT_XRTEHEETELIZLbRank?,
ODNA F/ T A X —AA v F : Gk D G-U A ¥ —id3, a2 8w A 4 L OMEeE ) 1 & Rr iz
EETEDZED, TOHEGEZAEHMICHIET 25 2 & caiud, HiFEM & LRSS 55
SNTW5, LoL, EBRDOL I {bFRERFICEAMNELRAND G-T A Y—~DEEER IR
AL TH Y, BEHIICAL v F 7 TERY, EFLIT, ZOREZMRRT DO, EBFA T
CREA L TG Z B MALT 2 U P 2T 0 A7 DNA ~EA LT (M 7)., dGT4G)DF 2 i85y
ZER Y UUTEE LZIERRA DNA 26 Lc, ZOIERART DNA X, &EA 4 BNFEELRN
WA, RERDT 8 A7 DNA ERIERIC 2 )7 R 7w PATRIUE 58 ARG 2 TS 5 2 & 03 HED>
HHNT, Ll NEREDERA A L EZFNT S L. ZOMENKE nm 255 pm & IEFIZEWD
G-UAY—ZRB 2 ENFETMNBEMECTCREINZ, S5, &R/ AV 2RETIFL—F—%
WNT 52T .G-UAY—Nar Xy NelUESHEE~L RS 2 & bR T, BRENZ &,
ORI bR YIRS I ENARETH -7 BRENTZG-UA Y —IE, BB DL Y
2nm ZEWCERBAAUNBEALTWE EEZOLND Z Eb ., &FOH LW OZRRE S 1-Hikk
ELTCOISHB R TE 5,

6. Bz

EHIT, XA T v 7B T DN TS DNA OMMEZ R4 % 2 & flfst < DNA %
WCHTEICHREEM B ZBIR T 2 Z L 2B A TCOMREFE T CVE TN EBEXTWVD, TDORDITIE,
DNA OH§iE - ZZEM: - BREIC KT TELBRE OB R 2 E &M, DORTINHT T2 081 H 5, MU
BEOHAMIEZ T ClEe <, BB (RNA b ETe) 1L, FEFICEZREELZR L, 2R eEEL BiE
T 5, tha RO D X5 RMALZERET L LT, L XM F T "M T %
Al cExr LEEILND,

A

ABFFEIE, H R R et A A8 AT IS 3 W THFSERTAT R DAL AR IE O BUR MU 2 85 60 2 SCHFHF:
Bz m o7 o THEIEFEEO R L L TIThN, WEEZRIT T 2I2H2Y . BEAREAEIZITELL
BIRAWITHELZTEWTEY £7, EHLAL EFES, 72, IRERTICTIMAZEEE L,
LRETZEE . WERTER, REERiA, FEA, Bdfrtiite B, DHIPERTIE O 07 2 IR EH W2 L E 9,

2% X

1) J. D. Watson, F. C. H. Crick, Nature 171, 737 (1953). 2) E. H. Blackburn, Nature 350, 569 (1991). 3) #AE
O ZHFKHE, &1 55(5), 322 (2006). 4) D. Miyoshi, A. Nakao, N. Sugimoto, Biochemistry 41, 15017
(2002). 5) D. Miyoshi, H. Karimata, N. Sugimoto, Angew. Chem. Int. Ed. 44, 3740 (2005). 6) D. Miyoshi, H.
Karimata, N. Sugimoto, J. Am. Chem. Soc. 128, 7957 (2006). 7) D. Miyoshi, S. Matsumura, S. Nakano, N.
Sugimoto, J. Am. Chem. Soc. 126, 165 (2004). 8) H.-Q. Yu, D. Miyoshi, N. Sugimoto, J. Am. Chem. Soc. 128,
15461 (2006). 9) D. Miyoshi, M. Inoue, N. Sugimoto, Angew. Chem. Int. Ed. 45, 7716 (2006). 10) D. Miyoshi,
H. Karimata, Z.-M. Wang, K. Koumoto, N. Sugimoto, J. Am. Chem. Soc. 129, 5919 (2007).
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BTH

ME22E 4 A REREILFE S VRO Y L RERS

RITZRER  REXZXRZFRREHRFMER KK

BE22[A1 AL (REE BE B E L AR T AR
9H 28 H(4), 29 H (L) HIZIEST, H
JERZFR X R2AYIETR ) NDOE
TR S TR AT 8 K OVER &G 1R WF JE A
S G LTRSS, BE0rbITHk
TLELE,

AHE DT R ATIE, OEEFEZF10214F,

RAK—FEF 1691, HEFITIDHATPRFE
IHDFEENHVELT-. FLT=2HL DO TFAEE K
MR 2 540544 D JFIZZ B EE, ARk
HE BEE AL 2 D fi 5 D W S8 R D U TEV
RERMITONELEZ. BIMENT-EREIC
M BLET. A=HO BBV OHE
TERENARLEL, YHBMO G 2 IZHEE
HEE BRIV TERVWERER->TLENEL

722l B OB EVEL CTREDNWZLET.

ek, ZOJ 2Ttk HE BEELEESHE
TW=m&FEL-.

ZERELDONEIL, TR L0 B
SnT-wmHoE LR L 3 REAEL
TEVET. 1980FILEEE T LI T
DAFGEIN EFETLIZD, A RlOT R T A
DOFEEZ ANV & FLEF L, DNA/RNA B
DFFINEU L HDTHDI0ICE A E
T RO EF LD BB AR F 7.

ARFERERR LR R T A, BHF
DBINME DLW ERFFETHY, B
DIEFH B FRHEEZED, & )7 Clf
LCBVET. HTRaexgl LS RO4AR

%EII:I_

HERE B PR S EE B D L~ L N IR
WZEL, BEICEF LBV TRET.
B OBERRAN A &L Tl I~ A
Fay—RNEREND Y, A IREEAE B
LFITZ O OBVIZHY, K135 %
FTETREL O EDOEEWET.

SEDEWVWE DRI, VR T T L)
HIZXoRAK LB LGN ELZD, 2HH
WIFRK R IR E A F, X L SANTO
FSCHORIIIE A O B Fnk/avE L7z, AL
KFZFASFI00FFELEZ D2 L. iy
VR RITILIRE 7 B E ) OB RS R H
HHLLONEIELTEY, Hiz&n=Jb
ZWEEWET. £, COBOIlEITE
LW BRI D LR LW SEZ D X A
THLHVET. BE S THL - HOEEKD S
THEF 72 EFUET R, MIEDKEB L
FNZTEFELIZTL IO,

KAEDFE2EI ARV AT TR
FOMMEELEOEITEEREDOFT, 9
AICAR RO TLELTRIESND T IE
TY. OB MBI LDIEI G et i
ZHHL TRV ET.

BN R LBAMEIZ & 72 i 3%
EELTHSELLRIEREL T E R F
WFIERT, B XCE{EBFZEET O BGRE DR,
HEEICTR WIS ELEFITERE DK
AT UREHBLET
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BRTH
7 EEGRERELCFHSAREE

BEZER EA FA
HEERFHEMNFEGRHAREE 5 —

AR DB ITIT 16 (OISR B Y B9 BN b 4 5 5 M E £ T 13F—H — A HBA
WZESL LT, EOMEDLNANELS DRV LWVEEThH T, 207D, DDV EE L
BERARSGE S HTE e, ZHUIx U CGRIEE D 72020 nk7e O T, HEREUE O e
DITEL TEEE L LIEEZADRS TE T, BN 4 FERBITNTZ, WIS EOEITE
NTHY, EOFHEENZE L TLEBN LI 2WVWANRTH-T-, SREELNOSEEZ R LT
SEAEIIE, BRIBRFELHET 2 Lo, FALZBRE L THRIH L RIFTBEZ,

SO, FHBEEZLLTIORLTEL &, 1) o ER - EEM, 2) HFIEOmAlINE, 3)
FRODLNYLT S, 4) B - 2 A2 MIKT o505, 5) BEFHE., ZhEh s 5B TqE
LTV D, INEERKIL. SEITMATFEL B, ZERE40 50T,

KRERE OFERE 6 LTS ORIl b T < . ZEBEIXZ O ADBEEIC & - ThE
LWEHIIZ 72 D, Z OSICHEHEHE OEMLEZE Y ORAEFIC L TEITESL, =0 Th oD,
ARHHEEEREZ|IZY -0 TRATAVWICRKHBEZER. FAEZBSAIIEHILE L LT 5,

BEEREE - RXEE (R+FIE. BFE)
KM msl (R LRBE B 2X)
[84%5 EF-Tu Z 7= FHR 2 OYEIE
AR s CRAEKPET)
[EREAA B S PEFTUR O BAEME R A o % — 7 = — Z i & B i Be AT |
fisks  dEE (4 TRBEL)
[ RE - BERIEER Loy TABBESRE 21 3 5 BB EE R DB |
=4F  Kifi (FF§K FIBER)
MEEELMAEREE TICB T 2 E#HT o A 7R ORSE L B SR 2 B
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%

‘

RTE
2

F2EMAEFRBERELCZS VRSV LEF I+ —5 LRERSE

EFI7A—SLHRKREEAN KR
Bt XFXFRIRER SRR

%5 22 [B] AEHERERTE LB L AR Y Y BT T A — T A, ALHEE - BRSS9 (A
N DG S CRAE RS2 KB TR GE R | MR (AbHeiE K2 E BT gEaT) L BREC
(FAL KRB BB R 2R ZERE) ) £720 . 9 H 30 B (H) ICH LR 2K Bt T2 7R RHR A
FEMIC TR L ELT, Bl v ART T A O R H LWLV A RRICH 20 b B T, BERD T
INTEOREDAEL , ZINE(T# T 65 4 GEAl:4 4, —ik 26 £, 24 35 4) LR ELT,

BRI 55 5 S A (AR K7 KA Be S A 2e ) TR B N B BB AR AT | SR DWW e B R - v U T
BAFE~DT 7 m—F | NS AE GRAER TR F B mEH 2 5e R T ER O E OfLE . 7
FAT AN ARBL A P2 SIS D 2 N2 E ) R B Se AR (BERS R RSB et g8 R A
THERR Gy 1 O W et~ 2R [ 3K - B WSRO A A O U T~ L /IITRE— e A2 CRAE KRR 7P
JEFGERE) [ 7T~ v o v o I KD IR T ~ DR I TGN 22 & E LT, VWoh
IR BFLIN DRI B RSB PEFIAT DAL, MR DORT v LD @EENRIIEL
77

Z D% BB S LWATU ORAY —G i (42 35 1) 21TV L7z, FAEBIUWIZEE D
FRROPIND, BRI R R A B gt o 2 —) TS AN T RNase DB
1. BMA BER ORI R TR F B Al s B 2 S8R TR 2208 72 “ A4S DNA e FiZds
T2 BE-DNA [HIFHAAE R OB AROfRHT | | A1 Z K USRS KRB LoE i gesh) T
ThrEtrh—NEB TeRar W LA BIEHD CBEREO R | O 3 4 IR A — G HET
BEORESNELT, A AR LS A R BE b5 b4 B4, BHF 2 Re i sE I 78 [ 2
AT =AY OO T, AR CFSEEEEE FERROPT AR —MIOLVEFLHFL BT E
T Bl VARV LOFREE /LB, S EIAREARARMTE NOFEEK L BORITFE<0
B xINEZE ) BV E AR RERHELET,
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