Tz VF U HENTED

T ) ANR—RABERILFERG L T SRR

REAR R R ZF R 3 KB A oe L
K BA

1. 3wl

U o REEERRROERE L, A—TOEAE LTRELHMLATWS X 91T,
BRI A EORIGTHRE L T/, 4 AN TOREN b OIXFERY vV 7T 7
A —HITH D, L L, ZOHEM IV BRI TRFUENET S L EbN TV D,
FDTDF LW TFEDORB N EEN D, T2 THEAINDDOBEKRGTTH D,
BRI BITHCEAST DM TH Y X I EEFIA L= T SR o5
WK V75T 4 —HINOBRREZR L OE SDEETH L LEZ NS, T/ HiEL Y
NIEFTIET TR, ZoNVE=TF BB DOBHCHES T/ ELE20TH D, =
D LD 7oA F 5515 ROV LEAf &2 A FF ) Tr A LR ST odz,
BUE, BURENAKRZWEDE LT, 7/ LV TOEBMEINET NG, ZoXVE
DNRAFIFXT VB a3 CEFATIUEEEM R & 2 0 R BEOEE T ik %
EDZEMARETH D, THRbL, XN EHEONRAFIFXTIVE—va itk o T,
Z N NIRRT B2 AR L BB Y U ABRIC K o TH R BT
FEMRVERS Z& TEOEET /K F2BETE 5, 2O A T/ Tt AT, Gk
TERDBEB N H 5T DEE L EE 2 BTV IR T /R 1 2 BRI B9 ISR T U2 FR S
SHLLEARRIZT D 1Y,
NAFIRTIVE—=Ta VOREEZFSZ RV BIC7 2V Fonds (1),
U F U 24 EOY T 2=y MO TER 18.5kD 21 kD OV 7= M bk
RENTWT, AMER 12 nm, WK 7Tanm OEKRERIRZ 7B Th 5, TOWNERIC
1349 4500 D FeH ZNATE D2EM 2T 5, 7 = U F a7 L FerOfg{b & K5y
ik, S5V VA A (HoPO)ZRVIAATHOL D7 2 U, KT A F - U R
(Fe(O)OH)s(FeOPOsHo)#E b2 5 TE T D, SkOBMLETTIIGIC L » T, #ka ik
BT 2N E2RL, ZOaTIIATHICERE, BEETL2Z2 L bAETH D 49, —
I T 2 L7207 2 YV F U2 TR T 2 U F o LIRS, O 22RO Z2MHIRIIC



Ko TV B O G R, T/ R FAEDOHMNE LT 72V FUra WL Z ENTE D,
FEERIZ, "AA A IRXTIVEB—Ta v ZHNWC, TRTZ 2V F DX TEONTOH
(2. WL ONOFEFHDOEEIEL 2 INK T D13 TN Tz 350, ZAZnDY T =y
MIFR CEBEFOBIELNTWDETES, 72U F oD HEOZERAOY A XFIARETH D,
BoNDT /RFHBRERICYA XTHY Hoie T 2 RiF+27 A ZTSHTE 5 17,
FRRZ, 2L a7l b2 7 2 U F U2 AV TMOS Fx S 2 nEfEsiiTn b

7,8)

o

ZxUFrDOIFRT BV g VTR OBRIGETSIGAE ST D, KN TO#A
o DRI < I, kA A (Fe2t/Fedt) ORLIR LG & 5 RARIE DZEAITEER
T 5, BRULFEHTIEIL, 220 BEOARA A I3 T V= 3 a2 A BICH
HWTEXDHAEEMLRH D, AR TIE, BEENRT =V T OBEMILOFEME 72U F %
MW= F 7 ERDRIFIZ S W TEE S DROEDRRIZ OV T T 2,

2. 7= VT OEMKE

2. 1. HOMBEEREReEmR E~07 = F [EEL oW

EFgRED 7 = U F L OEFENIT 41 ~51THLHZERMENTEY, FEREK
M7=V FUNTFREL LTIA T AFYy—U%FT 5 12, 220, BEMICT
= U F U aEM EICEET D & ERAT, K2 IR K0 RimIc A OFReMEE
BY DF A —VRAEINY T2 B eQID BB BB L, B OB
RISy T CEM S 7z 2 & A BRI FERNE ST BEEIC X 2 30 b el Lz, B
TEEMEMmE 7 = U F o OHRMEEIRPIIRIE L%, EREEERR I LT g
7V v I RNVEETT LEWET D E, AHT BiEMHEZ AV 5412, -0.3 VUi
72 ) FAAESSBLE LY — 7 b RELBIBI SN (®3), AHT RKimdD~7 <
AFx—VEATDHTIVRET 2 VT UNBENICHEE LI EDBb0d, 72, 7
2V FUNTRIKE LTI~ T AF X =2 AT 508, REFCIET 7 AF v —Y0
TR BRI REICEET D, 7= ) F U T ORIINCHEET AT T AT v —
COT I R L CPT KO~ A FAF ¥ —TOHNVRF VI L OEBEH-ADTD,
7=V F 0L CPT B LICbWE LB bND, REMAEEM, WEELAL
720y HHT 36 OV HT (Effiemim s AW e Haiid, 7= U F - oWEITE 2 63
IR TS A BEB S e o Te, 202 ik, AHT B L O CPT EffifEM i 7 =
UFUNRFFERICRAE L TWD Z L2315, R FFBmMEE (AFM) < AHT &ffi
BBLEOT7 2V F AR LIZLEZA, 72 F Uy TREOEERTIESBRIT,
BRI EEICE) —ITRE L TNDZ o7 (K4), KGIEE T2 RN~ A 7



BANT CAREIZE>TH, 72V FUTHESFELNVORERETH L Z LB R T,
AHT EHiEM LIS Lz 7 = U F o OB/BBUSE 1L, BRSOV A 7L L T
D UTz, BRENE O VIR LZHE &@$w&%77A®t~7%ﬁ@:m%:%m
TR SNV, EMREMNZ — 0.4 VITIREF L7238 I XERMIE S U, K
27 2 ) FUACKDEMSEFBH SN ool ZHITE LTSN 72V F D
T DA A (Fe2t) W7 = U F LoDy = VNN LIRHENZZ & &2RT, £,
7= U FUDISENIRL I o T2 EMmE A 72 FeS0a4 O FMEFIKHIZIRIEL, 0.0 VD
EALEIINGE | RS TS L CIEAAT 9 L 0T = U F U ORLIE T ABLI S
c (M5), ZOZ&ix, FA—/VESFIREMEMR LICEE ST =) F ok
DRTIEE « i OBRE 2 BEXULFIICHIEH TR CTH D5 2 & 2T,

2. 2. RUBFAAELH ITO B E~D 7 = U F U EHE 13

ITO &KL, PHEEKT TEIRTT A7 F =Y LT0L DD, RY BF A
TREEMTHIETT I AT Y —VORMIHHERILTE D, EBE, AU (L-V v)
Effi ITO Ehix 7 =V FUEIKIZIRIE L, FEEERTPCTHA 7V v 7RV EET T M
AMELILEZA, 7=V FroBbiETTE Bl (K6), RV - (L-T /L%
=) BEMLEZEBTH, K- (L-V YY) ZAVWEEALARER7 =) F Ok
LB 2B LT, RY XTF MEMEM L7 =V F L OWFEREERF LI E 2 A,
9~13 x 101 molecules /cm2 DEG LIV, EBBBRED T 7R AT 7 7 X —%Z[ET
Ll ZOMITT =) F ot ER EICIZIEHB TEICREL TWD I L ERT,
B AFM HENS b EMEMIC AR T 2 U FUBRE L TND I ERPHRTE
(X7), F/o, 3—T I/ 7REL R A MFT Ty (3-APMS) #EfiL T 7
AF ¥ — T HEN LB ITO EMR EICh 7 = U F U 2 FENICEELREETH Y |
Z DEAE T A BT E D,

2. 3. 7=z UFrDOF ) ANR—RY Fﬁf@aﬁkflﬁ%}im 14)
AR L7z & 91, 7= U F AIRENCIERN 7Tom OZEMEAT 5, 7= F o=
Tﬁmﬁmmﬁﬁmi%m/lwW@%/ ZETCIE Z B 7, £ D E IV 7 TRk &
JZERNA A F ¥ RNV TREIIIE R R RS HET L E L THERBND, &
W ElCEE SN T =V F oA 27 Uy VRNEET T LAORBLETLY — 7 &l
I, AR S LI L7 Z & DB biR e B — 7 OHEFED b S LIz gkA 4 v &
EHERHTXS, 72U FUOBEILERND RES DL L8k 45k, 7.7 x
101 mol/em? & 5l S 7z, BB EICWE L7 =V FrE&nbianiz7=0 5



19FH70 OIS LIgkA AT, K4 5 THoT=, ZOfHEIF, 7=V FrDar
BT H8A F PO THREND DL bD RS, &2, 18H o
T2V F U1 TOBA A OGEIIBELZ3MEAFELOND, 20X 52T
A A2 DOUSEIED T/REWOIL, F 7 22N TIEZ OBRAGER TSI HE D F % —
CHEDORBNRRKREL AT T AZNEBLIEAFT LV OHAY R T =) Fr0aT
A A DRISHERTHDH Z 2T (X8),

2. 4. 7= U F U OMMEEZIZ RIET BB IRRE D 528

2R BITREIC LV EER bR T, 72 FUOMEIImO TLETH D |
EiE (K8 0°C) £ TEOMEERSZ EXNBND, EFH DIX., HHEEKPICAFES
57 x U F T 26 CARBRC A e e s 28 b a2 e 23 2 L A de A V]
. ARE MR FARIEICE D RN LE (K9), £/, ZoEEkixE
W EICEE SN 7 =V F U OBMNC L EE KT L, T OEFIMA biphasic
ZZM L7 (K1 0), ZoOERMEOEGIE, 7= U F o OEMm B OBBEC Hkd
5D TEeholz, BILRCKGETIEZ =V F v = VNOF ¥ — UHitEDTD, 7
2 VF DA A TF X R EB LY 2 VN TOA A OBEINIRZ 5 &5 %
bivd, 72 VF U OEEZLICE D AT BA A TF v o3 v @ d 58824
NTBERER LV ZT 5= x X =03 m < eV K 25°CAH T biphasic 72 B LFHIEE
ENBH SN EZOND, S5, XU EOWMMIAEEE I, EE(bIEHRE
EIZRE HKFFE LT, T7ebb, AHT W rliEfieEm LicEElbshiz7 = U F
YOBETIE, 72 ) F U LEMERE OREIL0RITHTHY | WIRPITFIET 57
cUFUERURETHL EBEZLND, —F. NV WF A AEH ITO EMIEE
SNTe7 = UF AL, AFM JIER RN O REORY hF A F087 =) F o ohn+%
BLEIITHEALTVDL EBEX LN, ZOFEIE 2R M THL EExBND, 7=
F o DRSS RAF T RO BT~ D R8T Bor 1R A4 mEAs I [E Eb
SNTe7 = UFr0In, RN AFF A ITO EMICEELSNIZZN LD HiRD
TREN-7 (K1 0), ZoOfREIE, #HERRNS bFFEnz, $2bb, 7
= VF R B TF A 2 HF G R T T RICHEARTT = U F o O 7t
EEANFEACBR SN 2o Te, ZOZ D, 7= U F U O E Lo E
BWVE, B ETOT 2 V) F o oREBICRE KTFE L, BRALFIIC @ BT X
LT EPHLMNERST,

3. 7z UF o EHWET G RAH



3. 1. @FEJ/ Py Ml 1510

3-7/7mEN YA MR UT Y (3-APMS) Effiv ) a2 v ik L7 = U F
Yoyt E By TR TTIERIEEE. FL— MEITHH= U r ZFiEE (NTA) RIS
FE % . 400°C. 60 DBV AT > T 7 = U F L DX 3By R L1k,
ZORED AFM YEZ1T -7z, NTA RUHEOLEIT 5nm FREOT7 =V F a7 H
KOWACEET /b A ERFRmICBI L7z (X1 1), NTA T2 00 L7z b Dl
1 nm BREDOT RF2ABITE /2, 30 S ORER T, Km0 a7 81 47
FL— FSINTEEFIC ETIAALTE DI 7R FHITIZ e A LB S e o7, 7 =
U F UEELIER Z ¥ L — MRIEIRICIRIET 5 2 & C, itk 7 o XEF G2
RHICHIECTEx 2 (K1 2),
BRAEFEEZRNTT = U F & OBMSS 2 64 5 & F—H AR Blo 0 XD s
Rol@ET IRA-ONRE = = TRARETH D, Bk L7z & 912 AHT (&4 E i
FicEHEhRLEZ =2V Fr3I@EabFzNicEE T b, — .
11-amino—1-undecanethio(AUTHE i & FEME > 7 = U 5 OER{biE o 138 <
R, ZhUE, AEEIREMAIOT VX NAEHENREL Rolc Z L TREME 7 = ) F
a7 EOBFBEIOENE IV IZ S hotzfcdThD (K1 3), £ZT, AZ VT
ExEFWTAHT & AUT %2357 — 2 =0 ZERi LT &Em By = U F o 2 EEk L
7= (K14), 20%, 7=V Froaryghi A nEirInbEMD—0.5V T 3045
EBACEM L, ftld TREAHT 400 C. 1 KHOBUWBIZ L0 Z "7 BxBREL
7o EBRETHMBI CETORMBMEBIET DL AZ T LR UY=L R HEMR L CE
T/, Tk, AHT BMEMi S =H 5 OBM LTk, BEICX-T7 =2 F U
HOSD A A > &L S, ST~ S oD, a7 %4 ANEE 1 nm FREIC
NS poTeledTh D, —J7, AUT TEfics /i OEMETIE, 7= F o
a7 EROBITCIISTE Z B, RV A RTEMAE L L TRV EA SRR S
nm OV A RERFELIZEETHD, LEOZ D, B TROBEEOEIZ LD 7
= U F U OBESICFROSOMEEZFIH LT, @B/ b A A& BIEICE— R BT
HIEATRECTH D, £/, MLFEFHEaTOT7 2V FUICRESND Z <, RiEsL
BEaATICHES7 2 U F LA TS D,

3. 2. I—ARrF ) Fa—TDEEKITY

7 UFUEROBERS ) Ry NEfEE LT =R T /) Fa—TaGHTE
Do A (111) B CIIAREER 7 L 1RIERY A XOBEREAT DI —R T ) Fa
— I NEMUCKT L TEATICKRE L (M1 5), ZOEFMIL. & (111) fEshmo %



BEZ T, IR ORI T2 & ThH o7z, v a3 R TIE, Foxr OARRIEIC X
DH—RoF ) Fa—T13 R U CEERA L TRET D2 L fEoT-,

4. BbYIZ

NAFIRTG IV EB—va rEEMEVD FIETAHEICT Y br— LA RRERLT
TR, T RS RIS ROICEBRCE 21300 T, — R L 43I 3T
VRV DAN =R LDOAEEH LN TEDAREELAT D, A AI X T UE
— ¥ 3 VOISR LT, RN T 7 a —F 03 b2, AR LT 0%
Z U C, BRALTFIED M L IS IR Db, FilceminGons 2 &%
WIFRFL 720,

e

ARWFFED—HBIL, SCEB A B2t &g &, 6 K OHT AT ZE ATt JEBh ik, s
FHARA IR B AR FEB K, BRI B AR R T JEBI R, B AR #4220 e
BRI K> TETENTbDOTHY . TEMTH LLIVHEZERT D,

25 ik

1) I. Yamashita, Thin Solid Films, 393, 12 (2001).

2) T. Hikono, Y. Uraoka, T. Fuyuki, I. Yamashita, Jpn. J. Appl. Phys., 42, L398 (2003).

3) M. Okuda, Y. Kobayashi, K. Suzuki, K. Sonoda, T. Kondoh, A. Wagawa, H. Yoshimura,
Nano Lett., 5, 991(2005).

4) M. Okuda, K. Iwahori, I. Yamashita, H. Yoshimura, Biotechnol. Bioeng., 84, 187 (2003).

5) T. Douglas, V. T. Strark, Inorg. Chem., 39, 1828 (2000).

6) R. Tsukamoto, K. Iwahori, M. Muraoka, and |. Yamashita, Bull. Chem. Soc. Jpn., 78, 2075
(2005).

7) S. Tiwari, F. Rana, H. Hanafi, A. Hartstein, E. F. Crabbé, K. Chan, Appl. Phys. Lett., 68, 1377
(1996).

8) T. Hikono, T. Matsumura, A. Miura, Y. Uraoka, and T. Fuyuki, M. Takeguchi, S. Yoshii, I.
Yamashita, Appl. Phys. Lett., 88, 023108 (2006).

9) M. Tominaga, I. Taniguchi, Chem. Lett., 704 (2001).

10) M. Tominaga, I. Taniguchi, Chem. Lett., 32, 954 (2003).

11) M. Tominaga, A. Ohira, Y. Yamaguchi, M. Kunitake, J. Electroanal. Chem., 566, 323
(2004).



12) P. Arosio, T. G. Adellman, J. W. Drysdale, J. Biol. Chem., 253, 4451 (1987).

13) M. Tominaga, K. Soejima, M. Matsumoto, I. Taniguchi, J. Electroanal. Chem., 579, 51
(2005).

14) M. Tominaga, K. Soejima, I. Taniguchi, J. Electroanal. Chem., 617, 78 (2008).

15) M. Tominaga, M. Matsumoto, K. Soejima, I. Taniguchi, J. Colloid Interface Sci., 299, 761
(2006).

16) M. Tominaga, K. Miyahara, K. Soejima, S. Nomura, M. Matsumoto, I. Taniguchi, J. Colloid
Interface Sci., 313, 135 (2007).

17) M. Tominaga, A. Ohira, A. Kubo, I. Taniguchi, M. Kunitake, Chem Commun., 1518 (2004).
18) M. Tominaga, S. Nomura, I. Taniguchi, Electrochem. Commun., 10, 888 (2008).

19) M. Tominaga, S. Nomura, I. Taniguchi, Biosens. Bioelectron., in press.



MEFy7Fiar

M1 7xVFroEailEEmEiTE, RESNOET -0 A X% 1 3nm,

HS-(CH,)s-NH,,
AHT

HS-(CH,)5-COOH
CPT

HS-(CH,)¢-OH
HHT

HS-(CH,)s-CH4
HT

K2 HESAS)EMO By FFEMIICHWT-Er OEREREEZ AT DT 4 — NV RH
/N3



(a)

L " " " 1 "
-0.45 0.2

E/V
vs. AglAgCl
J40pAscm?
(b) /\l
048 — %
X3 () AHT B XY (b) CPT & fifi Ak i A (11 EAR BICWAE LT 7 = U F 2 H5<

FR{biZEICiE, 25CH Y ﬁafﬁ@I(@?ﬁ(pH 7) ; BALIFT DR © 50 mVIs,

5 5.00 M

(€)

5.0
i

-]
3-
.00 0 0.200.40 0,50 0,80
.

X4 AHT &L EMICRE L7 = ) F o0+ ORFEDEHESE (AFM) 4,
@hry7Fta— OVA RFa—BIRC)Z/nAEr g Ea—



(b)

Iron release Iron uptake

vs. Ag|AgCl

Electrode

I 2.0 pA / cm2

5 (AHT Efi4Em LICEEbSniz7 =V F o oiRbiET, 0.4V (ZEME
PRFFL7Z (GSFR) 2. 10 uM FeSO, D U > BEFRET AN (pH 7)H ¢ 0 V IZFENL % 3 0 47[H
TREE L7t O B e (FE8Y) ., JIEIEL, 25°C. VU VBRI (PH 7) TiT- 72, &
NEFRE I - 50 mV/s,  (b)EMRENIC L 2 ELIRTTIZFE S Sk s L OV ok
X,

Ay
I§H°: %
oD

Lon ) SO
~OH 0

" AL Do
2 ool A

ANNAANNNNNNN

In-Os | \ Ll 001 I R R
- s -0.5 0 0.2 -0.5 0 0.2
Positively charged  Ferritin E/Vvs. Ag/AgCl E/Vvs.Ag/AgCl
polypeptide

6 AURTF REH ITO B LICHENICEELINZT = U F L OEAK, (3)
RY-L-VPrBLOb) BV-L-7AX¥= &M ITO S LiIcEElSnZ7 =) F
ANCESL BB T () BIOEOARy 7 7500 F (AR, 25CD Y o lkhE
AR (pH 7) ; MRS : 0.25 cm? ; BALIRS1EE 50 mV/s,



; [
0.8

10,0 nm

T

X7 JRRIIBEMEE (AFM) (2 X D FRmEs %, () ITORm, (b) AV-L-VU v
VEAERT LT ITO Eifi, (¢) AU -L-VU P&/ ITO Kl LICWEF L7 = U F ol
A Fta—BLOdry Fra—branrtray,

"\‘@ a o

rb;

o

Poly(L-lysine)
~

Indium oxide
electrode

M8 7xUForDarehldr OBIETIINIEE Y F v —VHiBEDOD DA F
DOHA Y ORI,



X 10

(a) 60— (b) -1.28

i 40

2

201

Fluorescence / a.u
T
.(
[0]/deg cm™ dmol
=
T

0 L1 1 1 1 | 1138 | I I I L |
0 10 20 30 40 30 60 0 10 20 30 40 50 60

Temperature / 'C .
Temperature / C

9 @7=VFrOHEXALT MLOE—75E (at 325 nm) B X O(b)HRIE 0
PEART v Do—~Y v 7 ZAHRKO Y — 27 58 (at 210 nm)DIRFEKAFE, BIEXY >~
PR IR (pH 7)) TI1T o 72, BOERIE O bk % - 280 nm,

@ 0.8
0.6
<
Z04
B
0.2
0.1 I B B N 0 I R S N B
0 10 20 30 40 50 60 0 10 20 30 40 50 60
Temperature / °C Temperature / ‘C

10 (a) ANU-L-YU T AEHN ITO Eds L UN(b) AHT (EffieEMm LICRE LT =
U F > OBALRTCHE O ©— 7 SR BHE & IR OBR, BLETIIXY v BEETA R
(PH 7) CRIE L7z, BTG 1IEE - 50 mV/s, BMREAE : 0.25 cm?,



D T P T TTS
® a0 2 %0
il 2.
= c 3
] E % E
g 20 200
2 20 g™
2 '
o E a :
0 100
L T ey -y o MENENRR. .

o 1 2 3 4 5 ]

Diameter / nm Diameter / nm

11 7=zVFrZEEERLEZ3-TI /) 7abr X T 80 ) o FiK
Z10 uM = U 1 =FEEE(NTA) 2 & ie U VIEREEAIR(pH 7)I2(@) 0 23 L Ub)2 04
ZIEH% . 400°CC 60 o MMBVLER ORI D AFM . (hy 7B a—B XU A K=
—) BLORmOET /it OH A X554,



Fe(lll) 609 @ NTA

RO N )
;j_ ( ) = & [ :j__% ) ) =>

Diameter / nm

8
7
6
5
4
3
2
1
0

0 5 10 15 20 25 30
Immersion time / min

12 FL—FA=bYa =fEENTAIICED 72U F a7 ¥4 ZOELDORER
B, 10 uM NTA & & e U o BEFREES IR (PH 7)~DIRIEREH & BB I21G b - gkT
Bit-D YA XD KR,

b)

[ R N R I O (N N N
-0.45 0 0.2 -0.45 0 0.2

E/Vvs. Ag/AgCl E/Vvs. Ag/AgCl

13 (QAHT BXUOLAUT Efi4EMm EiICEEbIN=7 = U F o ORRGE T
HE, 25°CO U U EEFEE AR (pH 7) ; SBMAEFE : 0.25 cm? ; SN G 1EEE : 50 mV/s,



AUT (ethanol)

- PDMS stamp
d Mi i
PDMSstamp | — 5 [ PDMSstamp | ooocomactpin

Peel off

femlm solution AHT (water)
L Aw

b B

controlled-potential

electrolysis
——j :
Ferritin . e
=, =9 £, £, =
AHT AlL-fmlca ’

M 14 PDMSA¥ > 7ikEHWEAHT B X AUT O3 % — 2 = ZEH L 7= 4 AR
T L~ 7 = U F UEE, -05V T30 0O EENMEMRD@FIDETHOT =Y F
VDG — = T EECEmE O EERBEMEE MG, EEMEMIT 25Co Y >
AR E A (pH 7)1 TIT - 7=,



Ferritin Iron oxide nanoparticles Carbon nanotubes

( @} Heat-treatment

CVD growth CHe  CHe

~a —

15 Z7xUFrlkokS /hira2 il U Ca@)fsdMim ClE Lz —AR v
F ) Fa2—T D AFM 14 & B,



