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1 % J¥-5i
1 B A A o G

BRI EREICERELTERY, ERCEEOSBFICHERTNRZ (N EE TWDS
ZDOFREE XX TWDHEMO—2 033 CH O, DNA, M, YANLR, XL NTH,
A F 2 Tg EARRYE OF RIEAT b EL AT TV D, DNA OFEHI A FEAHL 5D DNA & —74 4
[1-6], HMBEEA OEEIHT AT b BAIEIRE 217 5 M F E2E & [7-10], RiKHh o
WERUANAZRHIR URET 2 VAV AMELEE 11, 12], iRTOZ 7 HoA F
Ze il (CHIE T D AR S E H B oM [13-15] 72 P4 ZRatllER NAl 0 728 iz, =
NETITMETE o720, EBIZEZLL DR NRHHIBMETH-TZD LIZINbHD
WED, K2 XA MO EICHETE L 9L RoT,

S, LERFFZZE OB CO AR ERHNAZ FTRE & 3 20T 2%, AETECRE £ &
HIebTIEA Y, FIZIE, MBS B E & 72 2 88 RIE O ZRH-CIR #IC B W T E O 2 O
LCOWMEIXEERBEWR 2o, 1980 F18F CIRIbE iE o> 1E #7221 E 12 KA O 4 (8 73 0 B
ThoT=, 1990 U/ MO B i fE I E (Self-Moni toring Blood Glucose; SMBG) % (& 23
B L, FEETOMPEERENFTREL 72 o7 [16], ZORER, FERFEZ X SMBG TOHIE
FERED EITA R o (B EE T 5384 2 BE B 5 TRE L, MREHEZ E5 72
DD LT, EFEIC L DA IHEDBREEZMGEICE D L)ootz £z, MAHED
HREBE=F) 72X, WEOEENLY EfMLol, ZDOL I, ZOHTOD
A (Point Of Care Testing; POCT)IXEMRC/EIGEDE (Quality Of Life; QolL) DA EIZH
MkL T &7z,

SMBGIEE

%&@Eg EE

B 1.1 B IR (SMBG) JE &2 X 5 752 T O M ] &

iR SMBG DBNIRERIFREICHONTDOr —ATHY, 5%ITEESRALIZEH POCT 2
INED ESbNTWD, Bl Z2I1E, RICHIFHT 2 FHNER (7 =27 F 77 314 Z) & Hn
1



ToAFEC Sy DREIC Lo T, IHBPRIECREFRRED T =2 U V3 REIC /A2 5 [17], 2 DER,
INBIIS O T ANE DOFHIPEBE AR D SN D Z &b, REXNLRITEE Th 5 BXILFH
HNEDNTEH ShTW5b, ARWE OETUELIZHW DD EFETER, HERDY
TWTHY, BED LICE WAL TREESRD SRS, Zhucxt L, BRULFFTETE
WA e RERBFHINE TS 2720, FHUEEBO/NUERE ST, BRI N DAL
THE b RO O TEWIHFAMESEIFE T 5, EE, SMBC EEIZB W THRENER
{EFEHHNEZ WD HEE L 7r > T 5 [18],

BRALTFFHINE Z W et o CEKRDE O INZF b L7 b DL, ERILF A A A&
VY EEbND, KR TIE, R—F TNVEEST 27 T ITNAT AL Z~DHHEZD S L,
Bl BRALFEAA A o ICET 2R ERE T D, 2O, EREFICEEEOR
WAERWE THEA A, BT, ZN7E, DNA, UANVA, HIEEHERSSRE Lz,

2 BRALTF A A Y OIS

BRALFANA A oY CEROFHIEIXERRETH Y, BEM~O BT D
BN EERET D, BWaHHNED 1 DTHAIT A7 Vw7 HENZ A K YITHOWTHER
FHZHIAL, EEIB S

1. 2.1 B aHl R F AR B

B4 1. 2 \CEEVREHRNE O SRR 72 EER I 2 7~ d, RIS, IE 24T O 1EH S Working
Electrode; WE), FEFHEAE 21T 5 %A% M (Counter Electrode; CE), UL 2 DBEL T
A EE H B HEM Reference Electrode; RE) MELE AL TWD, T B 3 DDOEMIIART
vvaAH v b (Potentiostat) ICHHE SN T WD, KT ra AZ v M, b EMIC
3% Wik & HIE L, SRREMm A EUE L Umpr OB & (EH B mmb,wm@@
DERISE LIRS HDEETH D,

Potentiostat

oo Xe

CE REWE
1.2 SEHREHED FZERALE X .




B 1L.3ICART v a 2%y hOJFHK (FIEEX) 2R3, FRISHED LI 1.2 Ol
EEMTHIGL, 3 DOEMMPELES N TND, L ICERINZERIE, 2 >0 0P 7
> 7 (0P1,0P2), RIZEEIR(V,), I R) TH D, KMEMIIT OP1 OH DR, BIREMIC
X OP1 O-¥i -3kt X, 0Pl OHE T EBEROBENLATISI N TND, 0P T
FHG T & T OBENFELLRDLIRT A — KNy JHNEITO 2D, SHEMRDE
JED V. S5 L < 72D X ) ICktm EMICER [ A d, OP 72 7O+ i IZEAAIZIX
ANA P E—F U APRERRKTH D720, *HEMICHN S ER 1 32 TEREMRIHHN
5. — 7, VEMEMIT 0P2 O I8k S 41, ik L 72 Bl 33 Hi R 2 8-> T P2 D)
I ST D, OP2 OIS N TV D7, EREBMOBILITF IOV & 72D X
NP2 DT 4 — Ry 7R EN5, E->T, P2 D IEEIZ-IR THY, V, ~1R &
b, £, ZREMOEMIIV, ThiHicd, SREMmELHEL U TERBEBRIZIZ-V, O
BIENHIMENTWAZ Lt s, UbaT b b, X 1.3 ORT> v a 2Ky MIxt
MM RN DB A HEHT 25 2 & C, EHEMICSREMmZ KL LT-V, OELEZHIM
L, ZOREREMmIZENLER 142 V,,=—IR& LTHNT 5,

X 1.3 RTFriax&y hoFHK.

A2V vy rRNg A NDIE, AEHEBRIC=AROBELHIIN LU & & OERIGE %
BEST 2FMTIETH D, WiHE 1 mol /L & B ERE X b U 7 A, 5 mmol/L &7
=V T ALA Y T A, 5mmol/L DT =T Abh U v ad L, EREmEY&EmR 5
HEEE AR 2 SR AV SR 2 BREE A, FIHIEEAZ 4 600mV, /5|3 (4 BWtrﬂ%lmwm&L
k&%@%mmKW%&)y7mw&%77M%x1Akﬂﬁ‘ E HE DR & B R
B CREN DY, BROEATNENICE -7 2 /T 580 BIRTH D, ThTho
E—210%, 7=2ui T OIS T = U T DA

[Fe(CN) (]*~ - [Fe(CN)(I3~ + e~ K11



BLO, 72T UoOBTICED T 20 T DR

[Fe(CN) (13~ + e — [Fe(CN)]*~ 1.2

(RS IV A

A7V v I RANEE T T LD RIIRIE, v 2 SO EEEARNIC X - TF
T2, OV RLEEZHML TWGE, PITERNHE VM LRNIE 1.4 a) b
DD, 0.2VAHED D BFITHEKL (K 1.4 b), 0.3VAHECTHES 25, BEAEMIES
W T 1 OBILEIS A E L, BSOS IS HEREEIT RV X DR

RT [[Fe(CN)(]3~] \
E=E0+Tlnm 1.3

THUE SN HE{LETCEMETEH 2 b5, T 2T, EQIEERRLIEITEN, RIZFXUEEL,

TIFAxHRE, FIx7 7 7 7 —E#, [[Fe(CN) (P17 =V o7 R, [[Fe(CN) (]* " Iid 7 =
BYT URETHD, M LK L3 ASLEMIML T 2 VU T VRERB LN a v T
BEOBTEKGEMEZ R U, BlilIEEChY, EHERETENMNE DAL R Uiz, fthh
F72 VT UVRERBI G720 o7 VRETHY, 7203 T 07 am T O
BEZ 1T(TERM) & Le, 7=V T URE S 7 o0 o7 VREOBERFIEIIEER L
BICEMAETIEREWV S OO, FEERREISTEMN S 0. 1VERERN - 7200 TIRFEEITIE
WIONSL TgoTe, A7 VU I HRNAVEET T ATEBWTEHE S4L72 0. 2V HE TOERD
WRIX, 7= VT T7on o7 o OFEEREIEITCEM DK 230mV GolSREE L ER 2 FR i)
Thdln, ML5ICLVEATE S,

X 1.5 LAuiE, EAERGECEME Y 0. IVEWEETIE, 7=V v T7rervony 7
VORPBEIIKI LT T = m T URET 2988, —F, YAV I AVEET T AT
%, K 1.4 ¢ OXIITEEDOEIMAALNEROPLD AENLEOD, ©—7 EIROY-57
no /3 BEOERMAZMHRFL TS, 2F0, K L5 TEYA 27 Yy 7ANVEET T A

I LEn2y, R, K 14 c TIHHEREBR» LN HFTO7 = v o7 U MERE
MEEILB L, EHEBICLY BN TERNPEL T0D, (EREmIHENS 7 0
ST UNHBEINDLDOT, 7z T MENEmREIZEIET D720 OYLBEREIR <
WCEL D, LER-T, ®1.4 c DX ) ITERITHRAITH TS,



[Fe(CN)s]* > [Fe(CN)g* +e

Current [mA]
o

1
(9]
1

Scanrate
0.1V/s

10 , ' [F?(CN)6]3" +e 9'[Fe(CN36]4’ '

02 -01 0 01 02 03 04 05 0.6
Potential vs Ag/AgCl [V]

1.4 A 27V v 7 RIVEETT LD

1
5 Fe(CN)e]*
@, 0.8 -
C
S 0.6 -
©
2 0.4 A
S
c 0.2 1 4-
S [Fe(CN)g]
O T T T
-0.2 0.1 0 0.1 0.2

Potential-E° [V]

1.5 72U T UVBEBLINT 2 u o7 U EEOET KN

YA 7Yy 7 RVEET T AOE— 7B G) ITERLSNTRY, MEOEMTI,

nkFvD
RT

A 1.4

i, = 0.4463nFAC

ThHd, 22 C,nibE e TRZINIEBE B T2V T/ 720y 7o TE L,

AIXEMmAE, CIXM LR TR E, viddmal s E, DIdEEfRkchs, 2 nXHi, &

VERHANE T OBIRAEIL, BAREAE, JLHORE, BLETWEIRE, ol EEICKTET 5,
5



Z O, EiEHITE TRICE CWEREZNE T 55 61F, BRIEETWEUIDRT R
— 2 & EES L (IREA ORIETHE 21TV, EIE S RRAIE T EIREZ KD 5,

1.2.2 |EHFHIEEZ B WA 4 OffE

BIAHAINEIC BE R FT /T A—2 OFT, ERILTF AL AT 23 ED—
DIFIBMEEOITSSE DR TH 5, SMBG IEETIIHVETOE Y F v FNRERTH
D, EAREEZIEICE, BrY D OBMERILL X OEEA RO LD, —T, T A
MMEED & {8 % i ORI 1 T, Br YA Xofih b FFIC ko bhb, 20
7o, BMEAEIEO>E OREITETET RE< D,

MR Ry DRAE DB L HEERRETH 5, M 1.6 1T MIGITVEY S 7B TS
LIzt A 7 Uy 7 RAEET T A GRB L, THY%mT (CRRR) &g L CERED K& <
LTWo, Zhud, EREEICYE LIZEToX R 7ERIRENR 7 =) V7 /7 =n
ST v OEMATEE COILEZBLE LT, Aot EOIEBRED R EA Lo Th Y, K 1.4
e CEIRMEN B LT, £OE, EBOREIXEMEE CO LT, B HEENT-
MG COLENCBITE N D, YA 7 Uy VRNV ZET T LOBIRITEIR D, WED
N MR 2 5 N A A o TIERE T BT VWERETH B,

N\ i [

Ferri- Ferro- Initial
cyanide cyanide

_ R 1ipid

€ Gold

Dipped into serum

Current [mA]
o

o

0.1V/s
-10 T T T T T T T

02-01 0 01 02 03 04 05 0.6
Potential vs Ag/AgCl [V]
X 1.6 MLl CHRE S M- BB TG L 7=YA 2 ) v 7 RAZES T A,

ZIH OO RIIEIIED ) O THOEREZDZ LITEH LW DD, Abbott
THEIED TR THRBEA MR L7z 2 E AR RO HEE S 5191, ERITREME O
TREEZ e B BIE 2 JE LTV zdlzxt L, Abbott O L7=7 —m A R U TiXiEx
BREESTHZ L CHEMED BEEmES L CHET S, EMAEEOIED 2 & OEM
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BRI L Y BERMEAZL LTS, WEMBEEREZEBWMICABRT L 7—n A M) EInbn
REBEZT R, ZoBInG, EIEHINEEZ AW A e ik n T, EmmEEE S
DEREMGYDNEERRFEE L TREINTND Z LN TE D,

3 BAFERHANE S L O D2 L EH ik

ARFFETIE, BALETBEMORTH D02 oG 1L.)ICHER L, BAZEHEE
AW CREfRI 2R ATz, v A PO ITBEME RS AE N &G T T N7,
BMEFE O (5D & PHLBARE O B b0 8 2 Mim e < =7y, BALEFHTEICHY
il Y720, LIATL D BAEESH VWO TE A At oW (f A U RIREM) 12
DWTHREZIT > 1o A At P TI/NULD BROEBAHBMEIRERH Y, FiEwmE
EROCEMBEMEOR EICERVHEAL G 2 &), W T, BEITERINESERTH
% MR E ORNEIZ DN T, B AEFHIE A W T2lE OS2 1T - 72 (35 3 7)), & HIT,
BEHICIZR Y A A& LTHZ D DNA IZHOWT, BALEFEE AV 72 o oafse s
1Tol- B 4®E),

BitsANEOMEL 7 T u FEHC L 2HEX 6 -2& L& b2, TYXNFHNC L 5%
RICE D FAATE, B 1 SZ I ERSROFEEZRE L, ZHOEMTHFELZELED
WOT VHNEHREEZEZERL, ThaHnle A LA (KES 100m F2E), MIFECKE S 1
pm~) [T & Y OWISE 21T o 72 (5 5 &),

1.4 KEDFE L

ARETIX, BXALFANA A Vo Apl L 2 OFEIZO W TR, RELLE CiEimT
REFFRAZ AN T ST IS DWW TR LT,

1) BER TR DI T ULHIE T X o o E N A —% 7V OHEE % VT2 O CHl
ETEDLEIICRDI LT, AEREENRKRELSEETLAREMEND D,

2) BERALFAA A I FER EHO RV NITIHAE DS 52 oY THY, R—27
JVEEESRL T =27 T T )VT XA A~OIAIZE LT b,

3) it Th HEAHANEZ AW EREF A A A T, EmEEOIXH & A HIE
EHOEFZALLZENRRETHY, WHIIZKLY ZOZEITHRTLLEZ2 615,

4) AFwICTIE, EMEEIEA L RV EREFREE CTh 2 EMAFHINE, BLO, WE
O EDEELZITIRVWT P HEIEICOWCERT D,



2F A A B & R T [ER A A TR R A
1 s s HY

A A BIREM (Ton Selective Electrodes; ISEs)id, #BBHKICHER L CENMZ TS
ZETHEBEA AV REEZ RPICHIE T X D, B INEL AR L2 B5b¥t
PHThD, TOWMEDEEI DD, (%, AW, EFR, EEOELNWZE THOWLHR
TW5, — %A 72 ISE 1 X ERIE(ER 72 E DN E S R EMR (Inner Reference Electrode; IRE),
—EREORERRA A %5 VTENEIKE (Inner Filling; IF), & L TxIEA 4 2 ITEIR
HINZ N 259D A A L BIR 5 (Ton Selective Membrane; ISM) 22 B S TEY (ﬂ 2.1(4)),
NEBIR & 5 te Z & M BN ERRY ISE(IF-ISE) & FEIZAL TV 5 [20], &R IS8T D BALFE A
BRI TR < B S TR v, IF-ISE OBMITERLES TV D, ZORITE DNV IZiREH
£V, mWENMLEN (B EE 1004 V/h LIN) & BAHEILME (B S > & (EHERZ)
V) NEELTE D,

IF-ISE 13K K 5 IF OIREZ B 2 Ml 2 729D 1248 mL~+4 nL ® IF 2 %E &
T2, ZTOZ &N IF-ISE O/NRERLER b2 N EEHZ L Cuve, ZaucxtL, IRE & ISM &

BB fih & A 72 [ (AR ISE (Solid-Contact ISE; SC-ISE; [EATEMR) Cix, IF 238U
T/ YR N AT HE & 72 5, SC-ISE 1 30 4RIE PRTICHRE S [21], EFRILY T H
AIRB7R N Roob RIS TR A S C & 72 [22], 72721, IF X IF-ISEICB W TEML
AL ZH - T2, IF 2 H & 220 SC-ISE TIXBAL L EL D TIRNBARLEE L 725 [23],
LAFIZaR~2% X 512, SC-ISE D NI AERMIITIREAM R RN H Y, BALENLE
AL TF-ISE 12 M T2V, 4, SC-ISE OFBALLENET IF-ISE ICKIER Vb D &
EZONTERE, 2Ok, EEEOESWVIEEORFHIEIE L 2 2 BALHBMEICBET 2 @5
1%, SC-ISE Tid#h LD~ 72 [24, 25],

SC-ISE I% IRE & L CEEMEE ST 2 AN b D [26] & 7 —R U pEHE V- d o [27] 5
b, EEMESFTH 5 Poly(3,4-ethylenedioxythiophene) / Poly (styrenesulfonate)
(PEDOT/PSS) % IRE & L CTHW 5 &, PEDOT/PSS DA A4 > AZZHAEIC L 0 ISM & DR HIC
WCEGA A NEA BN £ 725 (K 2.1(B.1)), La>L, PEDOT/PSS (X 3.iAHE&E N AE
Th DO ETEMNNILL [28], TOEDEENNPAETH D LV IHIRESL, EH
B R BAM L EVECRITD EWOBER D D, —FH, I—ARrTT7v 0, 777574 "k
DI =R MR AT b DI, @SV REBICERT 2 K& e #EA &I X 0 S Er
DEEAEK >TWD (X 2.1B.2)) [27], LovL, SEENE XA T D{LZLNIARH T
HY, ZOENHIFEITE CWRWEDIZEBNIARE L 725,

IS ORI L, BEMES R SC-ISE IR W TEREINS X % B E 1 Ofl#EH e
Ao [29], Ll s, —EEENZED THRENIUKKRE L TRFELEZRL
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THY, BEOMPRITITE > TWW, BloTGiEE LT, ISMIZBUKMERGIET 28 A4
LDRBDRDHHDD, ISMHFOFIDOBKEWE O ZNNE S LEWEHR 0, FHanld—
AR & AT [30],

RIS CTlE, A4 L WEWE (Intercalation Compound; 1C) 1EBs A A ORI EN—
EOREBE N ERAESES Z L5 [31], 1C %2 SC-ISE @ IRE & L CTHV /= IC-SC-ISEIZ XY
SC-ISE DL R A Z I L TREENZERNMTED B 272K 2.1(B.3)), XHk
FAEDFER, IC-SC-ISE DFIN D7 B b o0 [32], BIX XY F 7 A A 4 L WRE T
oY Y F 7L LFP) & IREIZHWZY F U A ISEICBWONS BRSO
L2 ERMEINTWe, £LT, LFP O U F U LA F W (R A A W B x 7
LW EOEIE) &2 0.5 fBE LT 5 Z & T, BMiEie/e EOANELERIZ X 3 5 BALE B 3/
S DT ENREIN TN,

L2y L7278 B, TC-SC—ISE DEFE S DAEHE I >V T iE 8N < 1B o e bt &
nTWipinote, 22T, M2l LFERDOY F 7 A ISE Z34E - 3l L, &E/HxHE
Dl HEEN ZERT D L 2R AT, 61T, HBONTADEIRIZ EEMO R
WFRUDA, VDL, AN TLAENRE LT 1CG-SC-ISE ICHEHRETHDL Z &%
IR, BAR A G B W AIRE TH D T N T 7 —HE LUK (PBA) & W= R Y
L, VDL, AT L ISE 2 ELFHE L7z, 2 OB, EE ) O HED S L7z
WX LTHa 72 B H D 2 & (RD0.8) ekl gL L7z, S 512, IF-ISE ([ZILHd 58
P22 M (<100 e V/h) & BEAL FAFELME (GEYE(RZE 1omV) & HAR & LT, #fEL 72 IC-SC-ISE @
BALLENE &AL FFBUE 2R L 72, BIRRIC L7 iR AR AT, SR OB R ELT

27,



(A) IF-ISE (B) SC-ISE

LEBRESTF 2. h—RUAH 3. A4 VRENE
SAM ISM IF IRE SAM ISM IRE SAM ISM IRE SAM ISM  IRE(IC)
R o R R R

<> O If_> I <> O * " <> O " <> O

v« |[OT c [ O |« |© « | O

BB B ALY B RER e
SR e Ror nR AR EOERA

I*

SAM: Sample(5X$4}i&)

ISM: lon Selective Membrane(/ 7 &R &)
IF: Inner Filling (N &RiR)

IRE: Inner Reference Electrode (&} S R EH)
IC: Intercalation Compound (A7~ IR E &)

X 2.1 A A @R E O
(A) PRI A A @R &R (IF-1SE), (B) FEMAREEfAALA A > i8I ER (SC-1SE) 1. EEEM &
IR, 20 TI— IR UM, 3. A AW s E R

2.2 A & WP E Z AT [ R EB AR JFHEREE
2.2.1 A A EIREMW (BGA 4 >) OJFHEE

AHEITIX, A AV EREmE W oA T REREDIRIE L, A A T A A 3R
BRICHWWOATWS=a— T %y U YR A BRSO W TRBZHIAT 5, 1
I BIREmE N A T URENEDOREZ 2.2 (TRT, A4 RINEMmE S REMmR

HE RIS DR GUEHR) IR L, — O OEMOMOEN2EZZRET D, A 4 o EmIC
XN AN DORIZHE > THIERGR A A O U il 2B FAET D, —ﬁ@%%%
MU, WROMBRIC X 63— OB M BRET 5, - 7T, EMEIZITRL A RO

> TRIERI S A F o ORI B BN RET D, 20D, F*r X oK%
RAWTHIE L2 B ED DRERRA A DIREZRDDHZ ENTED,

10



.|_ —_
A4 SRE

ERED
NER&
L N
' q R
= B B il
14>
BRE
AR

B4 2.2 A F 2 BREMAE HN oA A 2 IR EERNE OBLE .

BIEFHO+ MR & AN, —MBEABIC LT, A A REHEORR ZHHENIZK 2.3 12
R, NS A A RREMO NEEM, N, BHIE, & L CGREHR, SREmN
Wi, ZRERNERARAL, —WICES, BEFIIEANA L E—F L 2ADLD%
Wb 7o, BIEICEAT 2EmIEL A4 —F— /s, Fo, SERERITHER LD
ERETE D720, FERERNOBNIL—EE AT D, T07d, BEF THEISHL
LA L, BEREOBMAEZEZGFILIZbDERD.

A7 BN ET SHRES
A

NEBEE | NEE | RRE | HRE& | ABE | ASEE
A ! ! ! ! !
ol f i 5 i
i ! ! '

11



EFIZHOWTHIEENMN 25 2 TV, A A B IREMRO N EERR & N O S EAE
X, WESEBMRICEEELEREME W58, ROXTEREIN S,

RT .
E:EO——]nacl :Tit21
F

Z 2T, EYNIAEWEEMEN, RIIXMEL, TIXMHEE, FIZ7 7 77— 88K, aq l3iEHE
AT DIEETH D, Ziux, SBIERERORmMTEL D

Ag+ Cl™ & AgCl + e~ A 2.2

OV SIS KT D, R A A DLERT v v VUTEEREL SRR T o v v p & v
<

w=p® + RTInag A 2.2
TEIN, ITAPAREBMIZLDF T AT RLF—G
G =—FE A 2.3
E—HTHZEnb,

—FE = p° + RTlnag,
u®  RT RT X 2.4

E= —F—?lnam = Eo—?lnam
2%, X244 XNV A FOARD 1 DTHD, SHREMNEIK & 2 M EMRN B 5t
EAL S, SHREMNEE G LEREm 2 W 558 1XFEEO 3L o 2 ORI D,
IV A FORITEN T, BEIITRE I R<IEREZ AW 5, I EITPERN KRR
TOWETH Y, FrAE (10mmol /L LLF)IZH W T/ E VN, Imol /L FLLE O i B VIR
T, A A REOMEAEFEANEL, EREORE LHARNRIRE ThHIHR L OMIZEN
BT D, AFETIHERAZEHT 2581201, &AL TOMERXEH - [42],
PRI & U, BRI & SBHR O m BN & BT 5720, AL CTHW 28 IUE T
bH=ma— FTFy ) YEGEREDOFHICHOW T+ 5, — R =a—FI /L%y
Uy RGEIRET, AT Sl b e = VRIS, MR AT A ERIRIISHEET DU T

12



YR, BUKMWET = A2 MATZb D TH LD, VA RE, BIVDLAT 2 LDREERENTHR
WERIRRTFRONRNY ) ~A 2 0R0, VFUL, BHUTA FTHRITLAREZORE S
HhETELNT TV 2—T NV Th D, ZNDHANT AN T ROBRIZITE VAL
e, RMBHF A LB ET 22N TED, 1 DOWTF A %2007 T U=
—T N TERBAL ) ICHAET OO L H 5,

Yy
ST oy
2’%) ) ;;<
- O

jRosenpe

X 2.4 A ERNEMRIHNONDY T ROBFONY J<A0).

RENED T3 FA > SRl S U723 = VR IR IC A VAT BRIZIZK FI= R V¥ —45 D
0 ANEL D, ZDD, RIS FA TR S -E b e = VB ICIZA DA
I, —F, BIIERICY Ty RBFEET D L, RRITFA ALV T Re OFEEICE
WTZ RV X =BT 5720, BIEFICAVIADDL L 2IZhd, DD, =a— 7
Xy U Y AGRIREIII R BT A OBBAY AT Z LN TE D, £, KEET =4
Y HEBROHEBE TEIETICAVIAZIZS W, £, BIETICHOENLOIMATHDHER
KT =4 VU BIRT O XEN 2 T =4 LD, TROOWEEZD Y U ARREEHZON
TR IIZ 2. 512777,

i | K UHVE

RER & A O N

e Y R Bukit7=A>
ERE }§<—>® al Kt A Lqty
2 A A Na* +rU™S LA
SEB | ke Nat Cl Cl- EHAAY

2.5 =a— I Fx UV RORIREC 1T 5 FH o (0 U 7 S8 REED5]) .

Xl 2. 5 (27~ L 7= B R 5 R C O Sz L 0,
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BIREHOY T REFEA L TWORWDHR I F A BE - [K] e

BRI ORI F A LFEE LTV RN B REE (L]

WRE DY H o et RN F 4 v OFEE IR - [LK*]

R S O BUKME T = i [R]
IZHOWT, LLFO 3ERIREN NS,
1)3BIRFE R DRG0 T A L PR FEITBUKYE T = A PRI L (BB TPE)

[K*]em + [LKT] = [R7] X 2.5

DXBHTFT AL EREE LI T RERFEEGD Y o RO & ([Liga) 17

[Leoear] = [L] + [LK*] A 2.6

NHTF AL ERELIEY TR, REEDUH R, REEGOLITA 0%, HEEEK (Keq;
N )= A DA 10%9) ITRATE L7 B2 0 5

[LK*]

Keq = L] [K+]mem A 2.7

hbzfE &,

1 1 1\ ‘
[K"']mem = E{[R_] — [Ltotal] - K_eq + \/([R_] + [Ltotal] +K—eq> — 4[R-] [Ltotal]} 2.8

En, K 2.81%, VY FIRE (L)) &BUKET =4 > ORE (R7]) B—EThiu,
BIRPEFDO Y B REFEAL TORWHERD F A BE (K o) 1 E LD 2L 25
BEL TN 5, BRI &R PR D R B E g _mem & IR & 3UBHE O S FBATE 5 em - sam (X746
BHEF OIK*] om 2 VT,

RT |'K+ Jmem

Eipmem = ~Efyem +—In e A2.9
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EO RT I-K+Jsam

_ = —In
mem —sam mem F [K+]mem

E A 2.10

EREIND, 22 T EL e TSI OIEHEE G (T, [KT ] gl XN SRR OB H T A P,
(K ] [ ZBEHE P ORI h T4 RECTH 5D, NI & BUEHR O BN EE R _qm (32 @D 2K
R LAbEL

RT I-K+Jsam

Efp_sam = F n [K+ ;e

= 2.11

b,

AEHE & SECEM NI O BICIE, NS WD bR EEMSEL, RMEN (Liquid
Junction Potential; LJP) & Eh 2, WHEEMOREET HIFHITKRDO L HITHHATE D,
BEEDT =4 > F A OWEPH Y, KRELEREDOSL ORELTNWD, 20L&
&, BEEMODIKBERCA A UBNEHR L TN, T4 OBBERRKEVOT, T
=FNEI T A ATHAT LTI L T 72D EKIR -1 A Fh, EAARDFEAET S,
BN ARIIIKEN ) 2 ETe T2, T =40 E BT A v OILHOREN —ET 5 X 9 e BAr Akl
TEFKE LD, 2O, T=A4Y LT A L OBBENE LiFhIE, KRMEEMIE 0
LD, WAL Y T RFEHRAA L EH VT AL A OBEBENMTIEE LVWO T, BRE
NI E LCTHWHN D Z EREW, Bl2E, ML Y v 2KIERE 20 44K L7z
T (FERE 140mM FREE DT N U 7 A A A2 b 100mM 2 E DO FEA A2 ) OEEIEN 1T 2nV
EAhEL, MR EMEREICE DEBLITITEA LT, 2D, 4 FEIOE M CITiKHE
B AT 5,

Vb OFGmICE VW R EEMEZ R LADED &,

RT RT  [K*lg,, RT
E=E°— ?lnaC“SE + ?ln K, — (EO — ?lnaC]‘REF)
gl aciise . RT [K+]sam

l
Facirer [K+]IF

X 2.12
RT
= EOI + ?ln[K-'—]sam
' RT  acjise

(E® = ——In—/— - gln[KJ“]IF)
F aci rer

15



DEIICERLEND, 22T, agsp (LA A RIREHR NIRRT QU A 4 L6, ac) rer
X ZRERNTIH T OERFEA LT IERTH D, EH LR, WESRA 4 PR RO
BHE % BIE LE® 23R, 2 EEROREHE O BAL 2 HIE L TR O EEZ BT 5,

2. 2. 2 PER OER B O JFEE L §RE

AFRIREMEZ T =7 T TINT A A7 EICHEEATRER R E S T/MUE T DITE
WS AZ R LT 500 X, WK Z B LNEEMm &I 2 B s v b 0%
[ R T A A RINFEMR, WL CHEAEEME S 9, LovL, HcEfs 72720 Tk
S EEALA BUE S 772, WEREML & IR O St AL 2 BLUE T 2 7200 O LIRS ME
Eb, TNETIE, HEMEES TEHWELO LB —A MBI Z WS O3
LTz,

HE MR & LT EIC PEDOT/PSS 28 W B4 C & 7=, PEDOT/PSS I fgfbis wE C b
% PEDOT & A A U RRHWaWVE T > 5 PSS A B T2 b D TH D PSSHOT =7 53 PEDOT
HOR—NE2RZENESEDHZ LT, HEEREET D, BEEREMONTEmRE LTHWDS
BRIZIE, T—zWﬁiﬁéhékﬂﬁ%ﬁLEE%RH%EIH®73%2L/75>2“)V~ BViAENLZ &
ERALTWS EEx NG, BE MG TLERIEOR T F AU BRBEHTE, ZoL
& OEALHNEENME G OLIETTENICNED Z L2 n, FRE L TEEMER -1 & %R
BEORMEMPLZELEI D, LoLand, SEEE S TIXZHERBIGRTREZ AT
D1 OALEITTENMNDIE NS, D, AFFNEDLHIITWVIAENDINAETHD
72, Mot AL FET D2 LIXEE LV, FEEE, EIREIINC X 2 EE ) OfilE 23 A b
29]boo, —EEENEZED THEENHUKARE L TRFE{LZ R LTEY, fED
PRI I - TV,

ZHET—RUoMELE LT, AYR—=F A=K, I—RrF ) Fa—=T2ERHN
ODNTE, I—ARVOREIATHPRET HZ EEZFHL THBY, I—RUMEE
BIFEOR I X ¥ XV FZ EEBEZ DL NTED, REMNKZITNIZE, ThbbREEN
RETNEREREICLDEMEITNZ N, 20720, BWVEMEEEZER T2 0
T&%, LonLand, EENOMMEIIAETHY, BIMEE > THIET 5 2 &IXRE
Thb,

PLED X 91z, ko ERER CILEEHOMHEEZ TRITH Z EnELr 72, (E1
PERMEE BOBLEN DX, RILEZR > CTEEN) O EE T T2 2 EBRRETHY,
AR TIX Z OFRPEICE Y AT,
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2.2.3 UF U LA WIEWE % T2 [E K R

A F W EVE T IR EBHICH WO OMEITH Y, FREDOEN TA Ao & Wkt 7
HZEMTED, Hlzix, VFouorA A BHOEMIIANONISE) VY F 7 A
(Lithium Iron Phosphate; LFP)I%

LiFe"PO, & Fe'PO, +Lit + e~ X213
DEIGE RIS TY F U LA F 2 Wi+ %, 20 & &, LFP OR$TELIT R/ A b
DRI RE,

RT ‘
Eppp = Elpp + ?ln[LiJ'] H2.14

LD, Fe, WIBKH OFEREBMRENL (B ) (TR T 0.2V & EE > T D,
ZDi= W, FEREMONTEMR E LT LFP ZHWIUE, —EORENNDHE LD LEE X,
Thebb, WHEME LTEY VY F ULk, BRIKE LT F U A8RREZ HvizY
F 7 NBINEMIT, —EORENEELD EEZT,

LFP Z N M & L CHWE U F 7 MBIREMm T, kY VR F 7 A XD EmWEMNEE
PEL Y F U NRINFBUC L DR A A VIRENELND Z R, L ICk-o THESN
TW=[32], LLAaRs, BEHOHEMEICHOWTOMRSGITES, K2 UrbHIfEn
DXV EORE N E LT DEREME 25 0MIFPTH 7,

A A WIS E % PSS SRS T T AR AR A A B PR ORI 2.6 D LD
Thbd, THEL R DZEMITA A WIERMENSBA SNTEY, 0O RITA A @R ED AL
BEINTWD, A4 EBRIEDOA A WY E & BOHI OmEITIE, PR &[RRI
DR 2

sem | L7

i () e
afrs | SWR | R mkmror
Py + Lit UFYLAA>

wEmE | LI e &EF

X 2.6 A A > Wi B A PFREEMR I VO T [E AR A 7 B PR O % B
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AT UWIRE & A A BRI, A A BRI & BB O 4 Ui 2OV TR AL A F &
T A A RIEWE LR PUEO BN (Efpp _mem) (3, N 2. 14 ITRIEF DU F 7 LA
FUoREEZRAL, 20 bEREOEEEMEN 2722 Loz,

RT ‘
ELrp—mem = ECFp — Emem + Fln[LiJ']mem A 2.15

L, Tz, BRI L SRHEO S BN (Epem —sam) (3, PRI Tagim L7 & 918,

RT [Li*lg,

Emem —sam = Er(l)qem F —In [Li*] A 2.16
mem
Eb, ThozgLlLeabiEs b,
0 T it = 2.17
Eirp = Elpp—mem T Emem-sam = Erpp + Fll’l[Ll ]sam s

Ehen, ZoRE, AT ELFP oRTEMKXOKX 2. 14 LRIUCTHY, EHEBMREN A
W EHE CHD LFP BEADEE eoTnD, T7hbb, A4V WBWE % [E RSB
NI WD Z & C, EHEEMEMNEZHET DI ENARICRD ZEZ R LTINS,
U bEDELZNG, A WD E % N ERTERNC - B AR R 0 4 R BRI, 1
e FEMEENL 23 A A L W WE O KBS BHI R D AR BB, & — B 2 IREAHE B
7o WHTIE, ZNOLOEMERRIEL, Z ORMERIET S,

2.2.4 U FULAT U REME E AT EIREMRO EALLGE

PRI Y F 7 A F 2 B PEM (N ER), A AW E Ch 28D VY F

LR (LFP BAR), $kU Y F 0 L& WNEVEMRICH W7z BRI U 57 5 A A 38R
AR (LFP EAEM) Z23800E L, k) 0 LKER O EE IS 3 2 BAGE 2 & Lz,
BARERIOFEM 72 FIEIT 7. L2 I[ZFE L7z, 22 TlE, AHFEROFETH DA A4 > W
EJEIZHDOWTELY, LFP #Eds JJOY LFP [E RO A A W E g 1, Esrkt & LTH
WHNDGE AR L2 [31], A AWM E ThH D LFP LEEMME CTHL 77774
Fa, RA U ETHHRIE=UFT Y7174 K PVAF) T L7z, LFP IXEXAREE M
72 [33], 100nm A F ORI & L7z ECEmWEEMEEZFT LI —R THESNZH D
MW, 7777 A4 M, LFPORBLL Y b RIFFEO EXEMEZ MR T 272 OITNZ B
A, Lpm DLEORBLO S O 2=, /R U7 A A WS fE o E T BMEETEE X 2.7
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\ZoRT, 100nm F2E DO/NSUVRIBED LFP & 1um FREDO REWRBLDO 7Z 77 4 EBIRA L
THESNTWVWDLZ RN RTEND,

A A VW EE O EIIARIA TH D N-AF e e U R (WP) 25 ATIREET 90
pum& Uiz, WL ZOMOMEHIAFEL TR X% 111 & Lizio®, EEIR% ORI
40~50 um & HEE &S, LFP[EREMOLZEIL, X 2.6 DK ET D720, A4 WD
BlgL, EEK400umd ) F U LA A ERIEE L HET,

VERL L 7= i A W CEMEE LR E2X 2.8 12T, £/, 2n—7, AIE TR,
WiEA AT D RIRMEEZRICE LD, B, EREEIIN25CTH -7,

300
250
200
150
100

Potential vs. Ag/AgCl [mV]

. | F - I S E :
- L F P ,—,'_// =
. R IC-SC-ISE o
e ’}«:

’,-r,, ’:::!l;:;’
l - T /,I”/
B e e <
8 7 6 & 4 B o o4 0 1

Lithium lon Conc. [log M]

B 2.8 UFULAA L BINEMOENILE.
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# 2.1 UF U LA A L BPEMmROM

B0 [mV] Slope LOD BERUR [ 1og]

[mV/decade] [log M] Na' K*
IF-ISE 260. 2 59.2 -4.6 -2.1 -2.0
LFP 188. 4 54.6 -3.8 -1.4 -1.4
IC-SC-ISE 191. 2 60.4 -5.0 -2.1 -2.0
SCikAE [34] - - - -2.4 -2.3

2.8, WTFNOEME Y F U LA A REICEMIGEZRLTWD Z LB D,
FT, MR U7 A BN E LSHIEL TV A Z & 2T 2818 T, WA Em
(IF-ISE) D RATDOWTELT D, WENRMEMI, 1 A iEF 10 MR E E TEMSE %
LT, HIE FREZZRE Lok A RO

RT \
E=E°+ Fln(asam + a;op) X 2.18

EANWTINE 7 4T 47 Lz, K 2.8 ITROMTRLIZEL D12, EBREEE L HR
TLMBPFHN, Ar—7 58 mV/H, MIE TR 10U Thotz, Ar—7F 25CIZERIT
LHERMECTH D 59. 2mV/MHTITK LT 1%DFRZET—E L, HIE FRS —KMIZE bt Tnd
IOMRBETHLZ &b, VF VLA AU BIIERHIFFEY UV F T LA A 0S5 LTERM
B EZRLTWDZ ENHERTE T,

AFUBIRNEMICB W TEHERBEO O EDIZ, A V&ERERHS, ZE, BiEA
T EEDLNDRERNGE ThRWNA FATK L TEDREISE LWy, T742b6, HIEX
GA F N EOREIBIRMIISE T 202 EWT 5, sHMFEIZII @ 0 225 0, AENX
BAME 15 (Separate Solution Method; SSM) & H\W\N o, T, BREBEM OLhEA 4 L IK¥E
W3 5 EALSED, WERGA A NHE L 1256 OBMIGE TE OREITHEYET 2
MERTHEDTH D, BIRMEEK o L EFRT D L, WERRA A (D), BiFEA A DT
T LENMISEITENTI,

RT .
E=E°+?lnaI A 2.19

RT \
E =E° +?ln(Kp°ta]) #2.20
Eleb Zlinh, Zo2 XEML L,
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Kpot — a_I S
= 2.21
y

DL ND, 10M LT b U 7 2KEKE L O U o LKEROEMZREL, Tk
VJOLBIOAY AT BIREZHE LIS ZA, ZNZI 107, 107> MITHY L
T2 e, ENENOBIRMEIT 10722 10720 &I Uz, B S A7z 2 RO IOSTEME & 13
FE—FHL, A AVEREOBLEATH Y F U MBRIIESHEIE L TV 5D 2 & 3R S L7,

¥ 2.8 |2k TR L7z LFP BBOBMIGE X, NERMEMEL D b 23/ hs <, JWET
BHEDTHoT-, BMETFRELZE LRV ARNORK 218 T I 4 v T 4 o T H(ToT- &
A, Aa—7 54, emV/HT, FIETFRI0*MTH-o7=, A —71TEHMED 90%TH 0, H
TE T RRIEA A @I ZE AW TR A A IREMRE D & L& > T, LFPIZiT o 72
N—IRNABL T 777 A4 NOIFAED, BHamE L U bW Ar—7DORKLE L TEZLN
b AFNCENISEERIRN—FCEBEREZFT DI —RRTT 774 W03, BAL
B Z g LFP Sk L TSRS E LT &, LFP OEMISE 2R T Sd7z SR SN 5,
ZOXHICHBMTIE W OO, K214 TEE L7 LFP EMO RV A MGSEIZH T
D EHEE SN DIRED B S, @BIPEIL, - RV T A 10, KA YL 100 e A
A B A W T NSRRI A A R IEMRIZIE R T e o7 b oD, —EORIRMEEZ A
LTWBDZ ENghol,

B 2.8 |27 CTas L7z LFP EUREMR OBEALISEE, WEBREL A A4 B PCEMR & [F5% 0 R 4T
RIWETH T, METREZEE LA L A RNORERWET 4 v T U THERIE, X
72— 7" 60. mV/#7, JIE FER 10°M &, WEERAEMm L [R50 ETh o7z, @IRMEIE, xh-
FUDLA10%, B Y UL 10208 266 b NHEAEMRE F%ECTho 7o, WEBIRAEMm

RSO AR L2 Z L1E, ATETEm Lo & 912, 3EHRIC k2 BALG B A 4
BIEEABHEO RE THREL TWVWDHZ LE/RL TS, F7o, HIE T RASN A B
E0HNhEL D 8lE, EEREMTIERBYVBIEINDIBRTHD, T, WNEHERE
B TIPS EBHR I~ DA 4 R BFIEL, ZHDHIE TR O EL K & 725
TWD 72 Th 5 [35], EREMIINEIIR 2 A S RN T2 ZOA F R R B ISR
T, BIIELDO DA AL DO LA LR E L W /NE 72/ E FRROSCECER & 725,

LFP 5 & LFP [E AR EMR O EHEEMEN B2 23— 9 2 &\ ) A TR L7 RG22 RGeS
L7, BEHEEMEMNICHER Lz, 74 v T 4 7k UL, LFP Ef OEMEEMEN I
188. 4mV, LFP [E{AEMOMEUEFEMR BN (X 191. 20V T - 7=, LFP BBOIEHEEMENL 1T LFP
OB L 2 5D TH Y, ZOBEAIC LFP EAREM O EYEBEMEN DS 2. 8nV D T—
BLi, ZOZ L%, BIEORRNAIELWZ EEZR BT 5250 THS, W, K 2.8 O
IM 23T D EANIAFEEEMEN LW S DO, BEICITR R D, Ziud, EEEBENIT

EEIMICBITABENMNMEVIERTHHOICKH LT, X2. 8 DFEENIEED-OTHD,
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UbDX oz, VFULAL A BREMEE N2 T 7 LA I 2 BRPCEMRO BALSE 5
NIRRT Y F 0 LA 4 0 BINEMR OB ICEB LU F U LA 4V RIEWE O EBAIGE &
e L7, ZDFER, UV F U LA T RIEWEZ AN ) F U LA 4 RINEMmIT, (A4
VBPIER K TH DRI Y T 0 A A A B EM E RS EOEMISE, BIE TR,
WEAF BRI Z R LT, 20 —F, MENMIL) F U LA T WP EIKET D2
EMG ol TNODORHMEEKN 2. 1TB X OZOEHNOHIFF SN ETH D M- T,
A F W E F FRERONEmRE LTHWDZ LT, A4 BRIREME L TOMEE
XZDFFIZ, FETH - 7t EBAO TR EHIESAMBRTE D N o T,

2.2.5 UF I AAF L WEME % T BERERRO BT BB & B E M

LFP [ MR OAEHE BN 3 LFP OMBHMREEIC B SN TV D &9 Z &%, LFP K
BRI B EN B EMEEESHIFF T2 L2 BRI TWD, Ziux, WEkE
A F IR ERO N EMICRECRBERE AN D 2 L LT D, T7bb, LR
BAE, SRIE(LER & RO M SUS & 5 SREEALER ORPEHRFEIC L 0 IRk DB AR A S
D70, @mWEMBBMELEMZEEZ AL TS, LFP 2. 13 OFERISIZLY
REDEMERAESED 20, FAEOZ ERNH/HTED,

LFP [E {8 2 92, NERIRALEM A 4 D3 E L, 42 HREICIE > CEMZ ik L7 (X12.9),
AAE1 AN OEMEZRELZE 2 A, | HRILLFP EAREMOBEIIL S DX 1. 4mV, HHED
HREMOENITHDEIX0.5mV Tholz, TNHIXEHLHEVVKIEEIZH Y, LFP LM
BER & W o To A AN T 2 OS2/ T OB A2 NS Z & OMRERL T\, LFP
EAEMIL 42 H# b RIRREOBMIEL DO E MR L, EALOMEIHE S L E L T\ iz, —4,
PR B BB E, 30 HAZ D N BEMPME T L, /R & L CEMITSL D& 1342 HL T 2.9mV
F TR LTz, ZHUE, WS HRBIC L VIR SN2 Th 5, WEKIEEN&E < 72
%L, SREACERWNEEM I T =4 VISE WA AT 27O BRI 25, RIREX D T4
VIREMETH DL OO, WNERIKR & B L T D OIEEENE & RSO HE TH D 12 DRI
KERL, ZbbbEAMIETEZRT, EoT, WHKEED EFICL Y EMROBAITIKT
T 5, WEKOFERZIMETIUX ZOBEBMEBNIMZ bdzd, FEM LIIMEL 2 L2
WHOD, WHRAEMROAT 5 FENRHEATHD Z LITMHNrTh D, —J7, BEREM
IR A B S22, ZORTHEAITH D,

42 A OMIE DR R, LFP EAEMUIEN BN 1. 4V, EALLEM-1. 1uV/h Z/R LT,
INETORELOHB AR 2.2 ([ZF LTz, BILEMED R TIIARB RN K HENLTH
%o Fio, BACHBMEO R TIE, BETNY 7 7 —% AW ERER A A 582 A5
HOD, ZOEKREMIIERE T E ORI LV BNLEER A+ Th D, Thbb,
A W E & R\ T B R TR X BN 2 E N L BALE MO F AR T D LW ) AT
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INFETOEEEBMEY BENLT WD, ZHUE, A4 WEWE S EREE S LCRWE
ALFBIE E B LZERIIAETH72OTHY, ZNICED A 4 @R EZHAGDES Z
LT, INOLORMEAENLIEBEEREMRETHZ ENTERLIEEZER LTV, KT
X, MOA FWEIE & A A BINEOMAS OEZRL, HETE 544 VA0
T L bID, FEBMEMNA A VR BEICXE I TWD Z & OFERINE ST 2D
Tn<,

< 180
E 160 [ Bl A
?D 140 | IF-ISEs
< 120 |
W 100 | AN )
< ——— — <1
s 80 | IC-SC-ISEs
> 60 |
©
‘= 40 r
Eﬁ 20 | Graphite-SC-ISEs
(@) 1 1 1 1
S o
0 10 20 30 40 50

Time [day]
X1 2.9 UF 7 LAF UWIEDE & A T BB D BN 22 EVE & B L

# 2.2 BREMOBALEN & FIME O .

AL ENE [u/h] AL HME V]
HMEMERY v &2 AW E ks [37] 30 NA
=R R e T [E R Em [27] 1.3 NA
Fe{biE e Ny 7 7 — & H W7o [E RS [30] > 600 0.7
IC-SC-ISE (AMfF7E) -1.1 1.4

2. 3 BRI AT T2 B A2 W 2 FH T A BE A

UF T hAF BT OBE(RGLLABFE THON LTV DD, R KA
Kﬁbhf%@,)%7A4ﬁ/%m%T T < OBRRERS 5, TOD, 44K
JEE % O T2 R O BRI, VT U A A B REBERA LIz, —J7, A
FUBRNEME LTI RNV UL, BV TL AN TLENSTEATFF L DIED N
WY, ZIMHPIZEENDFT NI T LA, BV UL, ALTT LENSToA T A O
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REFLNREBEENEGN 2O TH D, TIT, AHEITIE, ThbHFA L ZWJEIRERA
W E 2 MV CEAEmRZRIEL, FHliz T -7,

2.3.1 BT AL W ATRE/R 7V o 7 v 7 — AR

UF U LFZORTEONSSBIOA A AbBmO K& &0 s, BHICHAWSZ LT
HELLYD DTN —FELEHTE DL, TOD, VFULLFVEMICHNOND
UF U LA T UREIE TN EATHND, —T, TRITARLHY UAZTIFULL
D HFRFEDIRET WD, HEELTZVO XLV —EBEOBATEAFTHY, VFUL
A FUREENE TS TRy, L LR L, VFULAEIHmIDERTHY T
MU TLARH Y U NMIIESCATFTOREZHEO RTINS0, 7 M) U LB Y UL
B DWW T —EDHE N e S TWn5 [37],

HY LA T BMOMELE LT T T TR EE STV [38,39], 7
N T T N—FHECOERTH Y, SETN YT /AL DB ROk miEEE LT
W5 (K2.10), BEE LT,

(DRRZ 22T A T DORITR R FTRE T dH D

(1) IR O—H 2O BEEBICERT 52 LT, A4 WMOENMZHIEHCTX 5

(1 LA BRI A S Th 5
N EFoND, (DF, BV X208 5A8]EF M) DALY T LADYRLY KXW
O, A XTI EITEREITRR D00, Fax A A U EZWE CEXLOMEE AT H, &
D=, SEOBWOFT R T A, BV TA IV T NEETe SO EIREMRONEE
MICHEAFTRECTH 5, (D)L, A A VWRICHEWERIEFRE TSNS ZEIcLD2bDT
b5, BALETEMIL, <=y TV THH2D, ZNoOBBEERE DS TIFEET
D AT WD EANEEINT D, ZNICX Y, EALLTEEOB NG A A W D ENL
EHIETHZ N TED, (1ii)lE, $RTOEKTH D~FH T 28k LA 4 2 RE
THETT, TN T o TA—0 T 52 E2EBHL C0D, todEA 4 v OHET
b, 2HEIRA L B E RIS 5720 THAL T o IR ES L LN TE 5,

@ Fe: 9T
® M : &8 1(Fe,Ni,Cu-)
.A W A

B 2.10 Fv o7 v 7 —SEL AR OfE SR
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ZTIT, R TIETINATT T A—EUKEF N UL, B YDA, T AHIE
FHOBRERONEEME L THWSZ L2 LT,

2.3.2 FALT T N—JEERD BT & %52

TNTT T PR LT, R TV T TN DANT T Y D
LDOMNZ, =T AT T I L, NI T 8B T AEEK L, E
7o, MOHFAHZWE LTEWE L LT, =T AT 28T NI UL, =y T
X T SN T DEERR LT (BRIEIET A S,

LFP DA ERRRIC, B LTIV o T o I V—H IR E 7T 7 7 4 b B U ZTHD
RV E=VUF v 7a7 A K(PVAF) THESE LicA o WRERE 2 ER Lz, 7y T v
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n{K,,[Fe,(CN)(]} - n {K(X_l)H[Fez (CN)6]} +K*+e” X 2.22

DL, EFPBIEHIND ERFFIC= T AT T 8BV T NSRS TV
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Do X 2,11 £ 2.12 D7 T 7 TIEA AW EEZRENZ LD, DL EDA T URED
BOBEBMEETRLTZLDOTHD,

ZTNZENOWEIZONT 2 KOBMPBHENITEY, THOBMD A A W2 K S
57210 A DER Z M2 T2HET, FAOBRBA A W R 2> S5 72D+10 n A D

WA N Z T2 ks 35, HUNER OIEAIC K> TREEENA U5 01 3EmoBRbtC X
2D THY, BHMONTEIICHSY TS, oo, A g 0 114

I DI 3T EBALO MR 72 IO 13 LD A, Z VLA Tl bl f A 7o BB O 48
fBE7>TW5D, ZhiE, A F RN 0~1 O TIXER 0 i & =Ml BN
ZEE L TWAHDICH L, MinTlEZ OFMEISHBAND 2D TH D,

26



0.8
0.7
0.6
0.5
0.4
0.3
0.2
0.1

;

N
N

Ca-NiHCF
0 |

AN
\c

Potential vs. Ag/AgCl [V]

-0-1 T T T T T T T T T T T
-0.1 0 01 02 03 04 05 06 0.7 0.8 0. 1 11

Intercalation ratio

2.11 = TNAANXH T ) §EDA F W hT .

1.1
114 @
0.9 | s
0.8 A e
0.7 -
0.6 A
0.5 A
0.4 - .
03 4\ Tol_ K-FeHCF
0.2 A B R
0.1 - YN

K-NiHCF

Potential vs. Ag/AgCl [V]

0 - N\
-01 T T T T T T T T T T !
01 0 01 02 03 04 05 06 07 08 09 1 11

Intercalation ratio

2,12 B Y T AWE TN T T I—FAEURD A A o Wi B il R,

27



2. 1212BWT, AT 7N —FUERERERT 5 8BILHEN CwNiDFe DIAIZA A

VWL OB E D 0T, ZAUE, BBRITEOA A AUEm LR CFESITHY, i
O DB BICHENA F VW OBMIZFTFEH L TND Z ERHERI SIS, Dussel BT
HOILHEITIMA T Ag, CAIZONWTHENM ZHEZ L TEY, CumAg>CdNi>Fe DFFI &AL L
TWB 41, A A Wit H O ENLITFE A IEIZ bIKFET D720 A4 A bEm & 3L b
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T TN —FAPR ZNEREMmR E L CTxIN T DRI E A A DY TERL L7, Aadbt
3 2. 3ITRT,

* 2.3 TN T T UL A A ERFEOM S DHE

[ TN T T AR A o BRIR
K-FeHCF PR TT I8H Y T L
K-NiHCF =TT T ) U A BV v AR

K—CuHCF G~ T 8N Y T A
Na-NiHCF | =y 7~V o7 /8 F R oA TR U T AR
Ca-NiHCF | =v A~V T 8L o h VIR NN N

T TE /T B A A PR DIEAVIT R B BALS A OFHIR 2 X 2. 13-14 (TR T, WIFhoX
b, DR Z RIESRA A REE LI2b 0, ARBHENRA 4 L AE&E LIZHD
Thd, BEPDIFESOEHUTE, SHA T IO W TOLERAE Wz [42], £z,
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4 2.13 71 U 7 2BRPEM O ENIE
£ 2.4 YU LABRPEMOVER.
_— Za—7 WE T IR BERGR L [1og]
m [mV/decade] | [logM] | Li* | Na® | NH, | Mg* | Cca®
K-CuHCF 662. 1 57.3 5.5 4.4 | -4.0 | -1.9 | -4.7 | -4.5
K-NiHCF 480. 6 56.7 5.5 4.4 | -4.1 | -1.9 | -4.8 | -4.5
K-FeHCF 258. 6 57.4 5.5 4.4 | -4.0 | -1.9 | -4.7 | -4.5
IF-1SE 215. 7 56. 4 5.3 4.2 | -3.9 | -1.9 | -4.5 | -4.5
SCHRfE [43] - - - 4.4 | -4.3 | -1.8 | -4.3 | -4.2
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#£ 2.6 T NBRINEMOMR

B (] 20— JIE T R PR [1og]
[mV/decade] [log M] Li* Na* K* NH," Mg**
Ca-NiHCF 274. 2 28.9 -6.0 -3.9 -3.6 -3.8 -3.9 -4.0
IF-ISE 151. 7 27.0 -6.0 -4.0 -3.8 -4.0 -4.1 -4.2
SCHRE [45] - - - -5.8 | -5.9 | -7.5 - —4.4
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Imol/L EFENTWVAKER CTHE ZIT-T2bDThH 5, EEREMOENMIL, 1Imol/L DK
W TOIEEEZH W TROBEEBMEN2OEM LD TH D, A4 WY EHEERD
AL & BB OB OBNIIEE VAR R=0. )N 65N/, ZDX I, A4 WEY
B & THIE I W B AREmD, AT TA AWl EE A OB Z R 2 L3,
BV VERY FULAIIIMAT 5 O AT I =P TEEI SN, 2oL 9 g,
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VF U LEKREMOG G & FRIERIZ, A 4 WY E 2 R W 72 B R RO F)] 5
D=2, A AW ENEN % KT D Z &I KD mWEN FHLE & REETH D,
M 2.17 L3 2. TR LD, 100mmol/L OKEEE TR L7-E# (2 » H) BN 2 EME
EHBNMETH D, BALHHEAEIIEER 10mV LN TH Y, A A W E S BALO KELR T &
o TWAHZ EERBT HITEH0THL OO, VFULABKEROIZLSE 140V &
g % L REV, £O—FT, K-NiHCF & FHEMIZHW -0 U ¥ L@INEMmO 33 A B
DORE TIXY F U LERERDITSSE LV /S 0.6nV OEMFBMESBH SN, &
NEBRMEICEES 5 F I TE TR WRT XA =2 NFETDH Z N TFHEEN, 5%0
FFZECH LSRN T Z ERMIFES N %,

BALLTEPEIZDOWT, 3FEDOI Y U LEMA g Uz, &b WEN &R L 72 K-CullCF
Z FHUEMUZ AW ) U AEM TIER MR E AL O TN S, —F, &RBEN
TN % R L2 K-FeHCF & FHIFEMRICA W= H U o AEMTIE 33 HE2D 67 HEIZONT T
FWIH 2B OB Sz, 2 OMOEMZ R L7 K-NiHCF % FHEmMmIZH W
72U U LABMTIEIBEELNLS 67THBIZHT TO0.1u VhOIEFITLE LIZEM 2R LT,
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SNAEMIIHDLZ ERTREND, TORE, FHOEN Z/~x7 K-NiHCF % T HiEMmIZ

AN ) 0 DEMBTE WEMLEENFONTLLELLN D,

Potential vs Ag/AgCl [mV]
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Potential [mV] at Drift
[uV/h]
6th day | 33rd day | 67th day | 130th day | 298th day | (from 33rd
to 67th day)
K~CuHCF 662. 8 613.5 595. 2 558. 7 515.0 -22.5
n=4 +20. 4 +15. 1 +14.6 +15.2 +16.4
K-NiHCF 454. 6 420. 8 420.9 418.2 422. 9 0.1
n=4 +7.2 +0. 6 +1.2 +1.4 +1.0
K-FeHCF 228. 2 198. 8 203. 8 209. 2 233.5 6.2
n=3 +12.6 +2.5 +2.5 +2.0 +6. 1
Na-NiHCF 382. 0 380. 2 361.9 n. a. 381. 2 -22. 4
n=4 +8. 7 +8. 6 +9. 7 +6. 9
Ca-NiHCF 206. 9 188. 4 268. 1 n. a n. a. 97.6
n=4 +3.6 +8.7 +6. 6
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2.4 [EIA R OFE A2 5

Gryusarnyi 512 X o THRE Z TV 5 BEUREMROGE M 7223 715 CTh 5K ERER Water
layer test) & FEHiHIEI 48 (Galvanostatic polarization) Z FIWNT, ARHFZECEHRAME L 7-H
IREM ORI A 1T - 72 [36],
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T T T =R E T Y T AERYEEREMR & b U D SRR E R
B CAKE OFBIENNEL D L1FB I Wiy, B LA Z L7 53R ORKEZ%
LT, K2 2 [T DET N E AT, MERNRA A 2 EERWVEIK & LTKCLITIRIE
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FUWENE T D=y TNA~FTH T 28T NI U AL S Y T AITx T 5@
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W5 Z EDRERR ST,
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10

—— K-IF-ISE

—— K-FeHCF

o N & O
1

-2 K-NiHCF

—— K-CuHCF

Potential Change [mV]

-6 1

-8

'10 T T T T T
0 30 60 90 120 150 180

Time [s]

Na-IF-ISE

-2 Na-NiHCF

Potential Change [mV]

'10 T T T T T
0 30 60 90 120 150 180

Time [s]

Ca-IF-ISE

-2 A Ca-NiHCF

Potential Change [mV]

'10 T T T T T
0 30 60 90 120 150 180

Time [s]

2. 25 BRI AMaER (WY 7L, F R U DA, L7 SEIREE A ER) .
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2 2.9 BIRHIE R ER TOEM R 7 b,
(BY TN, FRUTL, BTy NRIRMEERER)

Drift [pu V/s]

1nA 10nA

K—-ISEs IF-ISE 2. 38 7.54
K-FeHCF (SC-1ISE) 2.56 23.18

K-NiHCF (SC-ISE) 2. 58 14.79

K—~CuHCF (SC-ISE) 5. 58 54.22

Na-ISEs IF-ISE 1.03 17.76
Na-NiHCF (SC-ISE) 3. 82 45.01

Ca—-ISEs IF-ISE 0. 61 5.93
Ca-NiHCF (SC-ISE) 1.45 12.06

2.5 TLHEABRDOREE

A F B REMR I TEETED A A 2 PIAFE LT RIT I W TRIE DA A 2 A BRI RIE
THIEDTELEMTHY, BEMEAIKE L RWEXULEREE T & 5 EALAEFHTE
ERAWTHIEZAT 5, FERBEARE A 4 L B IREM (B RER) (XL E CTh o oA 4 ik
WEMONEENAETH L0, R—F TIVEBESY =7 7 7 bt > Y A i 72 i%
b X OMER L 2 EBLATREZR— 7, BALORAEMEEN R T H 572 OB OREME L
BEMZWNT D5 ZERNEE W IREDR DT, AKWFFETIE, REDENMNMTA A 2k
AT % LD MEHRE A BT 240 4 VI B AN EEMRE LTHWS Z LT, IR
BMOEBMAEHETE D EEZ, UTOZ LW LT LT,

) A FUWERWE E N EMm S L CTHW BEEREMOBAACOWTELE L, MxtEME
A AR EICHR L, BASE T A A BRI kT S B AN S E H E T,

2) VFULALFTUWEBME CTHLEY Y T U LAEZNEHEBICHWZ Y F 7 L8R
DEFEEmEEL, $U VBRY FULNCHRT MESEME, VTF UL F &R
I R DBAOCE L BIRMEA AT 562 L2 FRELT,

3)  LREEMAREMITERY R Y T U LOMEHRME T & 5 @ WVENL B & AL &
D, THNETTHRSEHWEMBIM EERFE 2 1. 4nV) & B2 EM (1.1 1 V/h) Z Hf
FFHoZ L AEREL T,

4) FERIREFHZREZEEOG T R UL, BV T LA IATT LTS TED A F K
B E LTI Ny T o7 R A BE U CEREmA RIEL, A A4 WimE
HR D #EXEEENL & A A BPUB R R OB INE L RPEEH T 52 L 2 FEREL T2,
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5) A A WRIEME OB L £ N EREMRIE M L 725 E OBV (R=0. 93) T
— B, A A WIEE A PR BRI T AR DS A A e R R O EE
(a4 Z & ait LT,

T, A4 VBRREBREBEH L7227 770 RGN E, A4 U RIEM
OISHHEFIZIEDR V 2 RE TV D, KEORERIT, N ERE R A A B IREMmDE
BUZORMND LD THY, WERNOLDOT TV r—ar ThiA AV RERTEEEET T
7, DT ZTINR Y REDHRT T r—ra AT THLEROHLMETH S,
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3 % Witz oLl T N OB & v
LR LA

BEsEE X, BERO RN AESE D ATEH LcEXbFE b Thd, kbR L
TWOHMHFEL Y THL 7 NVa—2t YO E 3.1 IRT, & LICHEATHL T
VA= REbIER L AT 4 =8 LE DN SBGETWENFET D, T ZITMEANE T
IND L, MmiEh o7 N a—2 L BER R IR ST E 3R O ARIERE )12 X 0 BRI
IS L, & OfERBET OBLETHE NERSND, ZOR, BRRIZAT 4 =—X &k
(b T 201+ 7e@mEBELNHIE N TS &, EIEMO AT 4 = — X XL E L, £z
& UCEMICERDEET D, 7200, BERRNTS U2 EiR AEMmICEET D, 7L
I —AALBERIC Lo TSN 27V a—RE AT 4 ==X DN HEEIL, AT 42—
ZREN—EOFMAETIE 7V a—AREIZHHT 5, #€-TC, ZVa—RAREISLE
TAEMICRAET 52 L1005, WEROBEHRE XU ORI > TERMEE LT
D7V a—2REZNES DERANEOES(LFE Y ThoTe,

SILO—2R
[ ===

Fe(II)
Fe(IIl
FRRE | 2r kit |SREE

X 3.1 Zva—zx+t oV oEEEA.

B AHANAIT 1 ECTHBA L2 X 01, FENICESEABEBRELS & OEmEEmRED
WL T, BREHR L o5, Abbott DL a— A& WX, ERMEA REE LEh o s
b3 — A & E T D &t 1A (Coulombmetry) 12 K 0 Z OFRE ORI % X - 7=
[18,19]), —F, AIETH-ToAF B FIZHWO N TV A EMEFARE THIUE, HEA
JFEXTH D3V o A S OXPEMEMEEZE LR WD, EMEEOLBOREL 2T
/A%
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BAL G A DOBER o & LT, BRI LD pHE b ZFIH L 7o 2 EHE
INTWAB[47-49], JRFEYEZ VD4, ISFET(Ion sensitive field effect transistor)
E ) BAERHEZ EARFER L 45 pHE S, 7 LT —F L 9 R FEDNNIK S fig % fil
I D RERNEAM SN EEZ LD (K32, o FAHORZBIZY LT —BIZL-T
TUR=T L CRBILIREBICOMES, ERENET UVE=TIC I Tl BTV VAN E
b9 %, Zo pl ZE{b% ISFET I LV BAZE L E LCTHRIET 5,

ZDRFY UV IXBAEFANEEZ AV TN D20, BBEREO LEOFPELE Z 720,
—77, pH Z{LITEEROME I LV I IND LW ERDH -7, Thbb, BERO
AT DpHE IR EICEY, BEREIGICE > TERSIND T E=T L0 b
D pH TN &< I o T e, BENROEEFRZ IG5 2L TEORITH D D
D, BROMEEBET D EAEEREEZ KE LTl 2RESELHFN L, hL—FK47
MNAET T,

4 Reference
Enzyme electrode
membrane i
\H
pH sensitive
membrane
5o %5.
ISFET —| | T
(lon-sensitive FET) 1]
v

X 3.2 ISFET RE#HE ¥ o oK.

Rk 2 Tl U AL 2 S 2 AR HIVE OB R o ThE, pH Lok
ﬁ%f%okﬁf& LB DM 2T HENTED BT, £ T, A
eI LR BN TR OMRE VO FREEIE 1T Z &2 HMIL, 2L AT —/LJl
ERET ORI EITo 1o, At Tk, BB KA ML 2R ICE VAT L8
LT IRE OB L A B LB T BN O L E LTt 5, AFETIX, 3 FET BV OF
HLznzHOWieERERE v Hc oW TR RS, ROT, BUNE % BRLE o'E CIERfi L7z
&M & U7z FET & ot 2 W Ic i bi&E o AL OFHINEIZ D W Tk~ 5, &#&IZ, FET &
B &2 R B EE OB EEHINE AW - a L 2T e — bt oY O fE R A KRR 5, F
DEE, XNV A RDANGEOND AT —TD 90% ThH D 54mV/HiLA D 2 10— FREFEN
BonNsZ e AL Lc, EbIT, BECWEEMOSEmEZ AT S FET &)
DIGHELT, BEECFEMHE L, ZHICXY, BENSZ TRT 52T, abLR
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7T v — VIR SR O K O IR LB TR 12T T <, 2 VR T I =80 X 5 ks
fREER Z Bt o PO ETRETH 5 Z L &R LTz,

3.2 BAIR N T R E Y

321 AF VEKISERIE N T VAL

A A VRBIEBERDFE T P A (lon Sensitive Field Effect Transistor; ISFET) I
Bergveld HIZ X o THBSNIoA A REIDISET 28Kt TH D (K 3.3) [50],
FETIZ7 — FEEIE U TY = A=A MO F ¥ RV ORED BT D, F ¥ F08Y
—Z—RLAVHTELTHWTY =& FLArDEL LN S F v U YRR IO 5K
REAMRIIREE S WV D, BURIREETIE, RLA Bk 1,137 — b—Y —ARBIE V, 7— b
— R A VMEE V,, MBIEV, Y—A— LA VMELEV, hT AT X720 2R
kizk vk TcREN 5D,

k k
ID = E(VGS _Vt)z _5 (VGD - Vt)z

k .
(VGS - Vt)z - E(VGS_VDS - Vt)z it 3.1

1
= k [(VGS - Vt)VDS - EVDSZ ]

ZIT, NI RAVF Iy ZAEKIT, FrRVEN, Fy xR LBEE L, 7 — M
TR D AL S 72 ) O FFERRE G2 kv, wATHREND,

w .

— 0, Ve MRELRDET v RO R A VI ZEZ@N RSN D, T OIREZE fFnk
BBLEEW, ZEZEIZIDVX Y I YIXY—ANLDOHHENDEZ ENTEDLLHIT2DHDT,

RLA BRI,
k \
IDzz(VGS—Vt)Z 3.3

Lrb, THRBORDSENND TV R OV #i#) 2K 3.4 1I27RF, V=0 DFA, 0V L
FCIE FUA CEIRIEAT, oV AT s 57— NEEO FIZHHI LT Kb A EBRAUT
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WHIT, ZhiE, Fry 3 ABERREL 2> TWDED THDH, SHIC/— MNEENKE
{725 &7 — NEEOHAINIHE LT R LA EHRABENT 2RI ER T 5,

3. 3 DELE CKIEIR 2N L TH— NEJEZFEINT 5 &, FET O 4 — MMZId7 — Mk
& RIER D R BN > T BIENHIMS D, 7 — MERBEOKBER & LT bHHR
EIZIE-Si-OH B2 5 OHEA H Y, Zhn

—OH+H* & —OH} 3.4

DY IS BT B, D12, FIEEM TR A hDORKITHE, 58mV/pH D2 Z R,
3VANTRT L DT, etk TiE IV diRRITAENANS, T AL Y ETITEBMEZ Y7 M
5o IVEMENDS ZOZ LT 5 Z & T, ISFET Z MW T pH7A2 8 DA A A NIES
HTENTED,

1 —MEigE

/7T

3.3 A A UVIBISEIRBNE 7 Y & & (ISFET) DX,
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0.8 -

Ip [MA]

-1 -0.5 0 0.5 1 1.5 2
Vs [V]

¥ 3.4 ISFET @ I,V M.

.22 MR — NMUERDNENT oA HF

A GECIEBALE T BN ZWET D720, BIGHEZSEME Lot a2 et fEL 7=,
NIV REZDT — M baEME TEEBEERORMCTIER L THERL TWH 72, EE
F— MNUERHIR N T oA ZEF S, BT FET oY oA, EES— MIE
RN TDREDI L HERT S, FET oY% 2 fAE#H Lo F v 7DEEAK
3.5, Ty T FENCFET DY, 7 — MR TF v 7 B H D adEiR & HEMEOD A
Y—TCHfi ST\ D

ST & 2 W D720, BB TOBESCERIGICEE Lz, E5ULFRETIX
BIME EEDONDEEOHFANTFET D, ZOFKIHEZBEZ D &, (KB TIIARFEIRAEN,
R BN TTIEEE R AN Z 5, B AILBEMOFEHEC pHIZH 200, W -1~1VFEE
Thb, £IZT, 5ENE-0.5~0.5V OFPATHENITZAH LI, As R—XEZFHEL
B (V) & 0. 5V fFITIZR% E L7z, FET OEEEZ LI FIZRET,

nF ¥ RxNTFLva M

7 Mk RE . Si0,, 17. 5nm

P X0 WL =2400 pm /5 um

BIEEHRIEH As F—X& : 8.0x10" cm?, fTHIALT R/ F— 120 keV
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YERL LU 7= FET o3 IV EEEK 3.7 12T, &EHEB D, —0.5V 4T TR LA &R
M ENDEE AR LT,

Gold electrode
Size: 400 x 400 pm
Thickness: 100 nm

Conductive wire
Aluminum

FET
n-channel depletion (As* dope)
W/ L: 2400/ 50 um

Gate insulator: SiO,, 17.5 nm

X 3.5 JER 47— NI FET & 4.

TRIR &2 RO IZENER, X 3.6 1SR THIER E ORI O@E Y 1T 70, Az NI
RS 7B T, SREAEREMm S/ — NEELZHIINL7Z, 500 M OFifET ~ Y 7 LK
Wiz AWT=HETE LN IVEELZM 3. TIChbE URT, 7 — MNEEA S EMICERE
FINL 72356 L T, IV #ifR 2% 400mV BAREMMANZ 7 S LT, T72bb, &EMOE
NEDMERIEALERBEMRIZ T L T 400mVFEEETH 72 Z L Z B L TWAH, 2D X H1Z, FETk v
PFERANTRISH CTH L EBMOBNAEBESTH I ENTE B,

9

- Vs

3.6 FET & > OillE Bl E.
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20 L B B R B B
VDS=0-5V

15 . ]

= L BRENTLT ]
E 10 [ 7—HEMEIS 1
o %-EJ:T:EIUJD /7- I\EE-*"J}(: ]
5 Lk EEEEHM
0'. f A IR PR B B

-1 -05 0 0.5 1 1.5 2

Vsl V]
X 3.7 FET &> %D TV .

3. 3 FRfLiE T NG AT AR £

3.3. 1 MR B o EAL AT R & o Y O B

B 3.8 (2 FET & ¥ & W cifbiZc sl At & o otk 2R+, 7 a—
ARA VAT m— L7 & ORIE RWE IRER OB &2 K-> TRLETHWE TH L ~FH
VT ERERIET b

Substrate + a[Fe(CNg)]*~ — Product + a[Fe(CNy)]*" X 3.5

I TalIIEhHEERT, ZOKRZ LY, ~F T 7 ST kg ((Fe(CNI3) 2>
5HiETeIREE ([Fe(CN DI I2& (LT 5, 2O EITEEHBREICT VD »FAH—NIZL > T
BEELENTHOBETHWE THL 7 cat L 2N LZEMBENC LY, &EMIE
A HID, ZIVDDRUSDFER, HIE G E OIS Clo B2 SEMIZAEL D,
TNT v FA =By FECEM EICEEL S BRI E (SREIORTIE 7 o n
) DEMASOBERBENE, BGETHENOEMHA~D N X VBIRTEL D ESbh
TWaI[51], Ziux, 7V rFA—NHorRITHEETH D Z L, BILETHEND
BB~ D T AR B DS Ly I D JE BT 5E U CHRERBIER IRk 5 Z L MRILTH B,
FOFHEHICIZ P RXABRTIEHSICHPATE RV L DIERMA &Y [52], EMBEIA =
A LB ROR N D 5, WTHIC L ThH, TAh v FA4—)V o7 CEM_EIEE
ka7 =t i b BR~OEMBETFERIICBE S T\ 5 [63],
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GERRO BALNT~FY VT 8O LETTEN &I D 720, BRLIREE LiE ke
DANX VT ) EOZTNETNDOWREE [0x], [Redl& T 5L, EBMOBAIIRNAL LA RD
AAZHEY,

RT |Oxl
T MRed] g

E%, ERRoRIGRIZ LY, BRI LBETIREO~XTT T 2 EROREE, WMk
REIX e CRbIkEETH D L LIEEA[0x]°E 45 &, Thth,

[0x] = [0x]° — ac X3.7
[Red] = acg A 3.8

Eb, TnEX3G6ITRATSE,

RT RT ([0x]° \
E=E°—?lncS+Tln G 3.9

EIRD NFHFUT ERORE LD bIE S RE ORI D 312D IS

¢ < [0x]° A 3.10
<Tix, B
RT .
E=C—?lncS A 3,11

Eb, ZIZT CIEETHD, ZDX I, HRIIZIZEEMO BN TN E RS E B
FEIT6E LT 59. 2mV /M7 (25°C) D RV A M &R T 5,
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Target %@Lj@) <—— Product

(Substrate) @
<— Enzyme

% Hexacyanoferrate

<—— Ferrocene
<—— Alkanethiol

S 5 5 5§
[ 1—— Goldelectrode

y Gg(?'%'@' \% FET sensor

[X] 3.8 FET &% & HW 7= {biz o B I X o O k.

3.3. 2 (Efi &EM A - B bE oA

B4 3.8ITRLIZ L DI, FET B Y O&EME T VI o F A —% Hv CTbiE e
HH7xzut o TEMLE, FEMICIT 7 2ot EM2ThR THUIHEReXE TH
T A~FY T ) GO biECEMEZREST S22 LN TE L, ERIITERE IIWE K
BH LT, Bl EZbBETHE 2B SRWT IV o F A — L THIE S - & BT~
YT BRI T DERACFELOE B SNDZ ERMbBN TS, TIZT, HONUDH
GEmE 7 kU TEMLTE L 2 LT, WEILE D BRI KIS DAL 2 I3 5
NPt Y

7zt UE SN EBWIC LV AU T SO BEICEMEETCE DL LR
FREE L 7=, 3.9IWR LIz, 7xu v AEffi4EME H T 5 FET & % CRELO R
R ~F T ) BAKEIROENZ R E LIZFERTH D, log [Red]/[0x] Z Rl & L TF
LTED, 107220 10°OfPHCHRIE2IGE 2R Lz, M E13-59.3nV/Hicdh v, b
DAL 5-59. 2mV /K7 (25°C) LIFIE—H T AR ThH o1z, ZORRIL, 7o Efish
BB LV A~FH T JBRORER 2RV A NORITHE S CTEMFHIFTRETH S 2
LERLTWVDS,
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Interfacial potential [mV]
rJ
3

10+ 10* 102 10" 10° 10" 102 10° 104

Ratio of hexacyanoferrate (ll) to (lI1)

X 3.9 7 =t AEAMi&EME AT 5 FET & o CORRIZETTENMNEHI.

ISFET BUE%ESR & o 3SR SUGIZ £ 5 pH Z(LAJIE Lz DIckt L, B biEc Bty
XEER 2 FEM RS L 2B LB T BN OEERET D, D, BLRTEM
AR HICHWD BT pHIREN N EREE LY, £2C, 7=nrty
&4 EMAZ AT 5 FET ¥ & ISFET T pH IS g Uiz, X 3. 10 IZHERE R A2 7R
. pH%& 4~10 FCEfSH, pH6.8 TOEME OV &L TF ey hL7z, /2, 7= nm
T UEeEmA AT 5 FET & TIEWTRORE IZEWN T HERIR R & EoikE Dt
Z 101 L LTenX o T 8 E ATk Z -z, ISFET A3-58mV/pH @D BAF2 /L A
MEZZRLTEDIZRIL, 7 x vk EMidEmE A7 5 FET &3 Tl pHIZH T 5 0%
MWIFEALE RN o Te, ZORRNG, KFFROMBAGETCEMZH AR HE T i
BWTIE, pH OR/NREFERED EK 2RI T 2 Z & e BRER A RINT 5 2 LT 5,
BEFRIC Lo T pH 72 EOHEBE S N D IRIRSRMFIIRR 2 TH D720, FEEHED H HIZERT
LT LIIMHEE YA MET D ETHRA LD,

53



200
= 150 © A\‘ A ISFET
E @ IRt BT B
= 100 | - EHTHFETEUY
= 50 | ‘
]
b 0ot @ i e oo
o A
< 50 R
'S
§ 100 .
8 L
£ 150 ¢ .
-200 :
2 4 6 8 10 12
pH

[X] 3.10 ISFET & 7 = 1 U MEMi4 B E A3 5 FET B FNEF O pH & .

3.3.3 L 27 u— LIEH OBEFER SR

IV AT B—)LIRANF YT ) SROBRAGEITCIRBEDEAVIZE S SD K 9 IR BESE LR
AREE L, 7 xobv MEMiSEMEET S FET oY LHASDEAZ LT, L ATH
— VHIE R O b ETEBMEFN T RKOESE T 2N TED, —F, BLERH
Mz 25— L lIEICIE, b 2ATa— Vi bEEEL2 A W TN HAN SR
TW5,

Cholesterol Oxidase JC 3192
Cholesterol + 0, ——————— Cholestenon + H,0, PO
Peroxidase fﬁ 3.13

H,0, + 4aminoantipyrine + phenol ————— Red quinone dye + 4H,0

YUNT - DO ISAE L LT, I VAT R—ARNAFY T 8oi{LmTikiEnZ iz
BHEIND L) BRBBEREOBREZRAT-, L LARND, aL 2T o —1L L BR{BIED
ANV TT VERORIGTH D

Cholesterol + 2[Fe(CN) (13~

Cholesterol Oxidase

X 3.14
Cholestenon + 2[Fe(CN) (]*~ + 2H*

&, AVATH— L EMADIOL TER LT BiR(LKE PR TR EBO~F 7 /8L D
FIST®H %
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Cholesterol Oxidase JE 315
Cholesterol + 0, ———————— Cholestenon + H,0, PO

H,0, + 2[Fe(CN)4]*~ + 2H* — 2[Fe(CN)4]3~ + 2H,0 X 3.16

DAL TLEY, BEICKR L, £2TC, BENKISNIINELZWIIOa L AT o —
WVHIEAOREZECTHHa L AT o — UK FBEHEZLZ WIS TH D,

Cholesterol Dehydrogenase S
Cholesterol + NAD Cholestenon + NADH #0317

WCHEH LT, MISRORESEEZ AT, NADH &bV 7 ) kDR & il 2 27
KT —VEELEZHNDZ LT,

Cholesterol Dehydrogenase S
Cholesterol + NAD Cholestenon + NADH #03.18

Diaphorase

= 3.19

NADH + 2[Fe(CN)]3~ NAD + 2[Fe(CN) ]~

DRI REME LT, 2L AT — L 15 7I2ED, 20 FOBERA~X 7 2 8NE T
BIANF YT JANEEBREIND, 708, ZORIGRIZBWT NAD ZHMHEIND -9,
AFY T BN 60 mmol/L & EIEEE TH A OITx LNAD 1E 1 mmol/L DV BETRY, BEH
FEMICEET DO TIH RS ERICEIM U 72o K 3.1 1R LT & 9 70l 3R 2 s 712 [
EAL U TAT 9 B g HHNE TiX, B RLUG ERA 8 ERGL£5F7 H G121 22> THLE L T
72, EHORE ZBETHUNENRD D, —FH, WRICEREZRNT 556, BRRCAE
R TIEIR ) — I ET D72, JEHORE % BT 2 LER N, 1 ETHRR7ZL)
2, BALZARHANE A VD BO —DI3EBEE OB LEZ T WX 2 T52 L ThHDY,
WIRICHFEZRINT 2 2 LIXZOHCAE ST 5,

3.3.4 ZMEMAHE FET &

BRALFEE Y EHOEREOR ST u L & RO REHER L OMIER TOHETH
Do AT HZDRRZAENT 20, EHK2.5u L LK 8. 0p L ZHHE7210.5uL
TOMEZ AT, TOB, @ OSREMLE R BELORERRN L70b, £ T,
ARAFSE TIEREAVIRB IR B A L7- FET Y vy 2 WA Z & Tonz ik L=, 1K 3. 11
(2t OB %2R d, FET ¥ Y ORARGHIE U % %, RE(CRSIRER L B L7z,
KEL, PEAT o X CER L 2 8B MICHE(LERN— 2 N & B L CERIE(LERS IR
e L, ZnE AW HEOREAL, BRI EEDEENTENDI L OITT D
ETh D, ik, SRIEALEENR,
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AgCl+e” o Ag+ ClI” A 3.20

DO E Y —EDE M ZFHAEL TNDHT2DTH D,

Gold electrode
Size: 400 x 400 um
Thickness: 100 nm

Reference electrode
Ag/AgCI
Size: 1 x1 mm

7 mm

Field-effect transistor (FET)
n-channel depletion (As* dope)
W/L:2400/5 pm

5mm Gate insulator: SiO,, 17.5-nm-thick

3.11 $REAVERS R EMAEH L7- FET V.

3.3.6 a L AT u— VI HEEHE %

BIREMIEHE FET B ¥ & a2 7o — 1 llEMBEERICRZMRE DY, BETE
et S RO a L 2T o — LV HlE AR Y & Uiz, 38 8. 0u LRSI EICFER72
MR Z FEd) & a VAT a— L KIER 2. 5n L&ZIRA L, FET B R I L, KISHKT
T DDA TH D 10 S3RICEMZFH Lo, X 3. 12 [THlhA = L AT m— LR
FEoxt#, fitizEire LT ey MLz, A=t 4F v 720 lliEIllsnT,
AL AT O — ) LEEREETH D 120~220 mg/dL % & e 33~233 mg/dL O T RAF/RE
FRBEGR 21572, EMROBX X 5TaV/HiTHY, R A FORDEEDN D ERGRIE D 97% T
bolz, £lo, B v VT v 72 HNWTHE—EE B33 ng/dL) OREIZHE LI L Z A,
FFHLMET 242.46£1.8 nV(n=9) TH Y, MK 33£2.5 mg/dL & 7.6%DITHHOE TH -
Too ERMEICAT TEL SEZEBT2LERH Y, SEOBETH D,
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250

> .
E 240 |
o i .
S 230 .
g
g 220 ¢ .
g 210 | .
§ 200 |
c »
=~ 190 -
10 100 1000

Concentration of cholesterol [mg/dL]

¥ 3.12 2L 27 u— Ll ERE £,

ISFET A ot o H 28 10 mV/H7R° 16 mV/HT & BRERAFE o 59. 2 mV/HT (25°C) 2~ & eff L 7= 8
Lo TNDDOITR L [47,49], AAFFEEOEEGETTEN ZFH T ROMFE & o3 TlL 57mv/
Hr S IFIEERRIE OIS AN SNz, Zhix, ISFET BUEESE v ¥ Tk p & (b2 LT
W% T2 OFB IR D BB TINE DN E L o TV D DITxE L, W& eBArEt 5728 Tz
EROFBEEZZ T W= ThD, HRfEERY OINERELNTZZ &1L, EREEER
M ERA KR CE LAERT 2, bbb, EiaHGX CHE L 7> T 5 &
M FEIE 5D & DR EEZIHIT & 2 BAZEFHNTRITHBN T, B Rk EZERK &> T
T2 IS OHEGHE & OTEE &, AR THESE U2 BR (LB 7T BALZE 7 M5 20 CRA B g+
HEINTET,

3.4 Bkt

RITE CHELE L 72 B LB sn BN 2 FHA G KoOBEE £ o Tl IERSRWE L iRty
B ORI i 2R Ch OB TR ZEAT 2 2 ENTEX D, AEWEOREIC
AVbN 2 BERICIE, BAGRITEEUIMNINKYBEEZE RS Y, ZOF ETIEAREUVIC
HWHTZ LTy, BRoOBRBIZHWON T T EFLral) o2 7 T —EH 0
KREERD—DTh D, RETIE, KihRE LRLTY = vt Ei4EmE A9 5 FET
TV LD BRI EITD 2 & T, K fREESE O FTREME 2 R T,
3. 4.1 TEkR DR IEM S A kB L OV DR B

B (7301 5) O R IENE L Z DL FIZEA 3 %, s DA 2
TR O - BE 21T 5, AR OSS1TF0 £%, BRI ORA ITHFE - &
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EVFTA RN E T %, TR F= MUV ERA - BEEL, HAEMX THOHRET 5,

Z ORI XV BRKR OHBT & b= b Y AL 72, RO RETZTE M=
Ui SN 5, £ D%, BOBEZTV, BEOT7 ' M= NI A ESHRT 5, B
DBRHIZIZBER yOT BT La ) o 27 —F (AChE) \Zxf7 2iGMEL EREE FIHT 5,
AChE [ IR EME O 7 v F N2 ) ENKGET DB TH Y, ZHUTIEL AChE DIEMEH
MNZHDT I /B UHRRELFLELTWD, AKY VRB LI — A — FROE
it U SRS L ACRE DIEHZ ZF LR TS E D720, ZORGHEOREZNET S
L THBIPOREEZRHT LI ENTE 2,

EAR oW S BE I E C E 2 B S E X v D% <1, AChE OFEMEZERIEHICT &
Fral)y EHEUOWEDOT BT AT A ) o EREE LTHWYW WS, TR F VT4
UV NAChEIZ X Wk afrEsnsg L FAa ) vonkEmsnsg (K3.13), F4a ) v ofF7
D F A= VE(SH 55 13 F A — VIE M EAK O DINB(PFA = hrXBr) & RISL,
450nm A EICBRVNIRIN 2 S F A = h XU B U2 AE TS (K 3.13) [54], BB LR
FAE L 72T U 450nm OWINA L HAL 503, EIKIC X0 BERIGHENEL ST 5 & 450nm
DOWIIE RS D728, 450nm OWIN BT 2 Z &L CREOFELZNE ST L LN TED
[55],

AT SN TR W AELRW R REDORIEEBRB SN TWT, ZOHETE ACKE D
TEMEBLEZET D 2 & TEREABRET 5 [56-58], W< ONDOIGRN BRI TWDA,
ZDOOEDIZ ACKE (22 V) A XX —F (COD) ZMAALEZLORD 5, ZhbDOEE#H
ERLAEDEDH LT, ACREIZL AT EF L2 v ONKGMETE T2 U 28 COD DOfF)
& TR S LR KT B ER S D, ARk ST imER (LK SR % il R (b 7K 55 7 A C & i )
ETDH & T AChE OFFRIEMZRIEL, REOAEICL DB/ EHmINT 556,57, Z0
fllich, BEELTTI /) 72=AT7 77— EHAND FERBRIN TS [68], BR
B 72 HEE Th D 7o OWCEERIE 2 WV 258 IR THEE LA /NS TE DR H D
H OO, BERKSRDPENERE CHOOLR T D L0 L8R 720, WIEERIE T b
NI RZISHT 52 LB TE RN,
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HE
480 u 1)
£ , <;iﬁ B4
UE ~ ot t Q | awn (] man
FH#H(50g) KES 2 HHEE M 807 |- -E'
BB (1001 % I
(25%9) ~

Wt A E

FEFILFAIIY

coo- coo-
FA=rORL B

X 3. 13 fiEk DRI G Ak 6 LU OB

3.4.2 FET & > I X & i Bkt i 1m) 1 7o F A — AL & W ilE
ARFIETIE, RO G EIEMELEO —HAB® L, AChE MWoARENsTF A=) v %
FET 2> % CTRIHT A Z L2l A, X3 4ICKERERT, AChEIZ K BT BT LT 4
U Y OMKSRETERLTZF A2V N, @B EO7 cutr 28T 5, ZOETK
JSZ R Y, SEMOBENMIMETT 5, BRENFET 225G AChE ORINIHES D20,
S EMOBN O TIXE RV, o T, @EMOBN O T OFE) b RIKOAH A KR
M2 LenTxsn,
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TEFILFADN,
0

)J\S/‘\:N(

'\\N+.-f'
)J\ - WSH

H
e e

EC

:{fﬁg
‘\HSSSSSI
] Sa-
FETT -E/C?B::@+\Eh

ML B

[X] 3.14 FET & ¥ % 7= 5 B 5k H oo JE PR A X,

FAa Y R EDFF —IALBWD FET & o TORE FIEAK 3. 15 (TRT, (A) G5
RETIEZT7 c vt OBLETIREBIIRE TH D720, B)~FH T/ ki &g
WEIZ LY —EORLETIRE LT 5, 2 ONEEIT-72 FET v % F4—baWwz
ToRBEHR i S D &, (O F A — /AL EWIREIZ IS U CTRRIREED 7 = o U ANE T
WHBIZZELT 5, &EIC, DBEECMEEZEERVERT T znt VEfish-&E
M OEMZRET D, 7 =t OiETREIET A — b EWIRE IEKE L2 O T
oo, SEBEMOBMIIT A — UEEDREIL LT DR EEZE2HND, ZOH
ETFIETEE2OIE, C»n6 D) OBBRTEBEMOBLELMERFSNDZ ETHD, T
LHZEIEREETH L0, BElSNZ7 cu v rOBbiETRREE 7 — MEREIC X
% LB B 0 S OB N BEIEOHEFFOERICHFETH L EZBND, £, —EH
ENZHWZFET B s B) OEEIC I VMESHEZITO 2N TE L, ZHUE, 7=nm
T UNAH BRI E T 5720 Th D, £, REEEZRWD Z L THEOR
R CTHMEZEIT I ZENTED, (D)0 TR TIEEREME AWV CEMMHN 21T 5 729,
ZWREMNR D DI+ 10ml OFifET N U U AEEE AW THIEEITY, £D—FT,

b
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(C) D TRETIXENMEHA A T8, FET B Y OB L DIZ+457 10 L OR
BHE CHEERITH) Z &M TE 5,

electrode

(A) (B) (€) — (D) I‘_h Reference

Vi zféf??ff z??f?ff W
v JeEY 5 ¢ §= ¢

Unknown

——— N

Interfacial
potential

3.15 FET & v ¥ & W= F 4 — A& ilE FIE.

ZOREFNEIZHES T, FA—ILEMTHD 6- KrF~FP > F4— L (6-HIT)
DPEEIT Tz, FA—ILEM ZEERVIER Z AW HAE L U CEMELER
Wiz& A, 10%m0l/L £V ERECREIDN CEBM LA sz, LA o
2B D FERE Td 5-59. 2mV /HTDE MR & g L2 & 2 A, 10°~107 mol/LIZHBW\T
FL<—FH L7 (R=0.9932), £7-, WE FRITFBIBELZ 10°m0l/L ThoTo, ZORRENE
7zt AEMieEmAE AT 5 FET & o4& Wiz 3. 16 oEFIRIC L F4— ks
Wz 10° mol/L FTHRIETE 2 Z LAVRENT,
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O
S o

-100
-150¢
-200 ¢
-250 ¢

N
.
»

107 10 105 104 10 10-2

Potential change [mV]

Product concentration [M]
3.16 7 = vk VEffi&EM % AT 5 FET &2 ¥ COFF—AbAWllE.

3.4.3 FET © > YT X % fli B 2 ks

B S v PRV T, BOREE W 7o0EkiE & ARBFSE TER LT FET £ 2 v
T HEERB U, WEEERAWTZSAE, T4= e X aio e loeREmns
AChEIZ RV AR SN T A=) BE A RO, FET U442 HW G, X3.16 25
B E LCEMEAET A2 ) AREICER LT, WEMKRZK 3. 17 12577,

% 103
10
~ 9 i
4 = g [ : Color reagent
c B 7 [1: FET sensor
o g
53 ¢
25 5|
8o 4|
c E
o = 3}
o 3
® 27
] |
0 e
Without diazinon w'th 5_p pb
of diazinon

3.17 ffi 5 MR D LLig.

62



WO FEE TlE, RN EVEAIL 85 pmol/LDOFFa ) VEETH7-H DA, KR
S AChE ZFHE L7722 LT 5 pumol/L £ TF AV RENMGI Sz, —J, FET B ¥
OWEE TIE, 80 pmol/L (THHYT 5-174.3 mV OFBEMZALD, BIETFRD 1 pmol/L (24
Y45 —42.5mV OEN I S A7z, WTILORE FEIZBWT SR IEOF 2 [
Ao i, FET |2 AW RERAENEIESh-, 2B, FET B9 THlES
TeTF A a V) AREDIZD PRLERELD /NS hoTcZ &%, FET U DIZ I BNy 7
770 REFO/NSWVENTZEFETHAZ EERBLTNDEHDOD, ZHUIDNT

DM BREETAT > TE BT, fmffil 2o 2 LIETE R0,

3.5 LWL AKDEE

AREE TR TEBM T KOBEFE oV 2EL L, 2L 27 e —LJllER L0
G EHEBE D ARE CTh 5 2 & A HAE Lz, SO FHADT RULIEER RIS 7500 B A AR A
IHRIE L iz, BRI CTAE T CO B 013 5 - & LEMEmIREDOIES
DEORBEZ T RWFIENRH D, TiIvE T, ISFET Z MW\ 7= pH b % R L 7= & ER
HWAHROBER B DR 72 b DD, FREHR O & T pH ZE DN ERRME L 0 b/ SV &
ROMENR DT, AFETIE, LFTOZ &2z L,

1) pH X THILE I CEMERET D720, 7xub AEMi&EMEZ AT D FET oW
ZAlE Lo, BLB T e b 10205 102D 57 O#PAT, R 2 bR bHE
P35 FEERAE (59. 2mV/AT) [ DR & ¥ %, 20 5T, BRETH o 72 p IREMEITA &

RN ERHER S,

2) ALVATu— L EBGIE ST EICER T HRROSR A L, LRE FET B &M
HEbETCalLATae— LU E#E LT, b NOREEHE TH S 120~220 mg/dL &
& e 33~233 mg/dL OFPHT, FLr A b OXD BENN D BGEHIE O 9T DBALIGE &
B,

3) BETAEMLEINIBZET EFral 2277 —8)DiE%E, bid FET B
CTRITCIEM AT 2BEREY (T4 2V V) O LET BN L0 BIET 5 R 54

F LT, ETNVREICTHD FA— LAWK L CERME Y OINEEHGS & &b,
8 5 2 AT THRESR D VeI & RS DY ERE 2 T 5 2 & 2B L7z,

KD EHEDFIPEL LT, 7 LA B8R o ~OMHANEZ bivd, MEL
MR Y OREO—21F, BERUGSEIR T TA U IRER TH— I RISt 2 & T
b, ik, BAEFARE VWIBEBTORE LRWIEETH D=0, BRBOIFEN
FERBUSIC B L RIFI N2 ENBEE CTHh D, Pl O IL7T LA B RE o
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LT, Za—AREICERYMATHS59], B—X|Z7/va—AHEHOE RO
ZEEL, BAINTEHRELEBCEICWEORISE ) T AZA LDOEMELE LTHEZEL
TWb, SH%IIZOMORPEEE ~DEHNEZ HND,
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4% SER A — R FET & o % FHu 7= DNA &2 >4
| A58 LB

DNA [ZEM OEEARIERTH Y, MRFIC LV EMD AT =X LNOBRPIEE DI ThRL,
EFE AT OB EIZo7e N5 Z ERMFSN TWD, DN v—F7 vt EbNs 7T =2 A),
FID, 7=, ¥ (075 DNA DR 25 525 EIC LY B |k
7 IR SIS 2 L B & oIS, DNA BRSO B KT S ERARIL S DICIRE -
7o X0 EENOZMICES E G D Z EDOTED DNA v —7 YRR Sh, BEL
ZOMREIXR EA T TV D

DNA =4 v %d 1 212, pHEISHEDYEERE Y Th DA A IS ERIR T P
2B Y (ISFET) Z Wb ORH Y, —F7 4 v v —fh L0 #i b ST 5 [2,61],
X 4.1 1CZOF#HEZ RS, DNA BEEFEEL Sz — X203, ISFET EOMUho 7 = Iz
BEINTND, DNADAE T, G& CHFHMIITHES N TV XA )T HMENS, fifH
XGED DNA (X —4 > b DNA) & 2R L0 HEWESO DNA (7 12— DNA) 28 " AR Z TRk L

TW5, 7m—7 DNA ORI DNA R USSR DNA polymerase) 23 BV W\ THk Y,
MW,MW,%W,%W&VﬂAEC@ﬁﬂk&é%E#ﬁ@?ék,%%@@%T&~ﬁ
> b DNA &R 7288 ST 2 B A 7 e — 7 DNA ORSHICHEA S 7 1 —7 DNA 2
MET 5, ZOMEMKSOREE, ©al UmEeri) s 7a b @)K Sh, v=o/Lro pli
DEEMERNZY 7 b5, Uz VOJEEIZSH D ISFETIZE D pH OZ{bITEME L & LTl
b,

v = JVIZHE % dATP—dTTP—dGTP—dCTP DIEIZHL 4G9 5 &, #—4 ~ b DNA & FEMHAY 7
EHOGEIIMERISH AL, £ 9 TRWEEIIMEBISHEL RV, 07, AT
A WCHERICOABESLEZWETHZ LT, #—45 v b DNA ORI EZfiFGT 52 &
INTE 5, MERISOA EORIE ISFET IC kW EMELE LTRIETE 20T, BMEL

DHESCEND X —%7 > h DNA DES|ZfEGTT D ENTE B,

B 4. 112X ISFET 23 1 2 OFE A Rm LAy, BT ISFET X 1 T EOT LA Lo
TWh 7w, EAIfEHZ FRRIITICIT D 2N TE, = AHEDOH EE a2 MEH
WEBL I D,
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Target DNA \

oS
R CTT[T]|\ )\DNA

: Probe DNA / &~ polymerase
ISFET ()0~ &> © b dTTP PPi + H*

X 4.1 ISFET Z M 7= pHE B @ DNA > — 4 Y JFHL.

J

ER o —4 X pH 2 kA B DNA DR SUS 2 #2003 2 BRI LSV Tn g,
ZHUTHL, DNARY UEBEEIC L DAEMAA L TWL Z L 2FHL, Tz E#ERET 2
kN & %, ISFET REIZDNA Z[EE L, A T U H A XLMEIGIC L 5B EOEL

B L E LTHRIET 5, ABMIIERET 2 EBHITIER T OB A 412 Ko Tt
Hiow, EHEMIIETHETHD, Ll s, Han~E 10nm OF A £ & Sbil oM
70 BEBECIT S TR ST T D, £ D72, ISFET RfIZ[EE (b S/ DNA O
TR T D EHIL, ISFETICE W BMOEWE LTRIHTEZEE25NTWE, ZOK

FUZES< DNA DA T Y H A XL DNA ORRBUSOR, S 612, EHH LD DNA
= Y OFEEREGE STV D [61,62],

L L7223 5, DNA D EHME I ISFET Z W 5556, BERENL2 LN 2oH%, 12
EIE, ISFET (XFEMZIT TR < pHIZK LTSEME R T 5720, FREHL O RORIEY O
7u b O THD, 2o81E, ISFETIIERmA Y a b ThHoricwy 701y
Uo7 MW T DN FEEEIT)ZEThHD, Iy 7V 71T DNAF v 7 THEM
ENTVWLELHMONTEFIETHLHO0, ACEAREBEZD 5252015 DNA FE
{LBEEOHIEIXAE S TRV, 22T, RBFETIE, @BEMEZEISHE L THT RS —
M FET £ 912 DNA ZEEL, AT U EA ARMERISERIET 2 2 & 2 AT,

BEM A IS E LTV A28, ISFET O X 5 7 pHIGEMEEZ A e, F7z, &EMmI
TINH T A=y BNeE-F A — A X0 B AR B %ﬁ@dfmwmmd
Monolayer, SAM) ZTEAT A ENMONTERY, BRILFEEBEZRDDLZLENT
& % [63-66], D7, DNADREE(LEELZRGITHIE T 5 LBNAIREE 72 5,

AT, ETEEMA~OE-FT A —/UFEAIZL D DNA O [EE(LE O fil i % A7z,
T, EEM LT DNA DA T Y A DR %, RMUSIZ K DI O FRIFHINC &
0 EIE L7z, KO- ERIRRIREEICB T, INANA 7 U & A X L O B RUGIC & % BAL
ZAb 2 G LTz,
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4.2 DNA E AR L ONA 7 ) XA RO
EFEMA~D DNA DEEAITIX, & T A —NAFERITL DTNV FA— 0+ 0 A Ak
LB %ﬁ%ﬁwtoA%W%Ywﬁ/%ﬁ—wﬁﬁ =9 e, TADUTFA—LOF A
—NVENEEMEFEET H, TV TF AR BITHEE LenwZ & &, TV F LR L
OHAEAERICL Y, @BEBMEMEICIZT VI o FA—NLDOELS FEEREREND,
WA LI TN o FH— Ao O'E, TR VIEKRT CREMEAINT S Z & TEL
L BRI MBS IC K W HIETE 5,

Au—S—R +e - Au+S —R 4.1

X 4.1 BLOK 4.2 X ITHEENK JSITEFOBEN A £ 720, BB L - TAEL 5 ER
RN THZLET, BEENTWET IV FF—LORNKRE S,

/
//////>jﬁﬁ'?‘3fE
SSSSSS

AT

e BT

X 4.2 T F A4 — I OBEZACF 72 LB S

4.3 R LTEDORY ATV v 7 HRNEETTHE W) EFROBEBSILFHEDOFRERTH
Do TN 1 EEOFS (—E OMECELE EIFFFT 22 &) 0fRE, R 2 [FH
DOES|OFEREZRL T D, LEIHOFSI TOABEINDRAITRLIZE—I BT Vv
F A=V OB L DD TH D, ZDOE— 7 ORBDENS T VT o F A — L EEL
EORE D,
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5.0E-05

4.0E-05

=< 3.0E-05

=

O 2.0E-05

O 1.0E-05
0.0E+00
-1.0E-05

—#EEE Y

0 -0.5 -1 -1.5

Potential vs Ag/AgCl [V]

4.3 A2V T RAVEET T A EATIVH T4 — L EE &N,

IRBEN 6 DT NVXNVEHEFTHITIVH L FA—LThHD 6-~FV o F4— L (6-HHT)
ZammIZEEl L, EELEE & ROCRF R ORGRZH, X 4.4 1733 X912, 30457
BRECHEEILEENFf L TWDONS 5, fafn L7fiiE 4. 4x101453 7 /en> TH - 72, =
X, EFEBMICKHTLHTNVE o FA—NDRBEREOREGE & —HT 5,

b 1014
& 7.0
5
% 6.0
=
3 Ve e o
§4ﬂq’ i ¢
= 309
.gzﬂi
=
8 107
,_E
3__: 0. | | | Il
7 0 50 100 150 200 250
Incubation time (min)
X 4.4 7T T A —)VEEEFE & REE OB fR.
DNA DEEALIZIE, HIEE 20D DNA O 5 KIRICRFE 6 DT IV o F A — NS LT

AW, FRRICEELEE & RO OBRERZE 25, ZB5 4 30 0RET
R E LT, FOBROEEEEL, 4x10%5F/cn®* ThH o=, ZuiE, 1. 6nm FFEICAE
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U5, IARSDNADERLIZIFHELL, INADEE & 25 E CTREREDEATZZ LR b)
Do

3.0 ¢

2.0

1.0 ¢

Surface density {molecules/cm?)

100 200 300 400 500
Incubation time (min)

[X] 4.5 DNA [EE(LH FE & R O BIfR.

=1

DNA EEL BB 1L, A T U X A XOFITHRLS BT D, BEMBEENEGTE5 &, [H
EL S iz7 v —7 DNA ORICH —4 > b DNA XAV AT RN =D, AT U H A
ZONFEMMET T2, AR DNA ZERDZK 2.4nm TH 5728, 7a—7 DNAIZZN LD
HINORE CEEL SN D MNENDH S, 72720, DNAIL ) v EEIC L 2B BEMEALTWD
TOFENRKENRDH D, 2.4mb £ 9 ELD HEORAVERETHDHIZ I DA TV XA
ADNEBM T2 B 2 BNDH, DNADHZFEEN LIS EORRIE L 6om THH, ~A
TVEA X EEZ D EEEMEELZ T T CTHRRZIAT 2 DX,

1.6nm DNAprobe 2.4nm >5nm _Target DNA

<«

SSSSSSSSSS
\ Au | \ Au |

4 % 103 molecules/cm? < 4 X102 molecules/cm?

X 4.6 SEFED DNA [E E(LHEE & BEARR 72 DNA [E e b5 .
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AHFFETIX, DNA BFER LI T Al v F A=V EHESE LT RWT IV T A — NV ERE
L, ZDRAGHIZE>T INA BEEE ZHIHT 52 & 2ilhi, K4 TITRLIZORE
ORI TH D, DNABFER LIZT VH o FA— VDR E WA, %< O DNA 3& BT
EICEEESID, —F, DNARFES LT AT FA— L DEMENERE, SEmEEIC
[EEL S5 DNA DEIZ D73 e 5,

{ DNA probe: HS-(CH,)s-(s5-DNA)

W

§58gSS

N P - <L Immobilization

b/f Ny ff ,.,ﬁmmﬂ

6-HHT: HS-(CH,);-OH
S}, s// 216

W—

Ligddidd

5585858 SSSSSSS 5858

E4jpmlmm%§®%ﬁﬁ&

DNA & HHT % 1:20, 1:10, 1:5 TIRA LI CEE(L 21TV, Tl o F A — A BiBfERG
ZRE LICANEZET T L%K 4817 T, (a), (b), () BAENZL41:20, 1:10, 1:5(Txt
6%, RETCTRLUIEE = BT VH o FA— VBB SIC LD DO TH O, DNARA N
NS 2206y, BE—27 B3 LD 0n g0 5, L, DNADEE(LEETT Vh v
F A= NVOFEENEED 1/I0LLF TH D2, THAHrFA— VORI e — 7128 T
LEV DNA Ot &' — 27 ZHNLICEBIRT 2 Z LIXTE o tz, T2 T, TAA U TFA—
JVIE TE AL BE D h>  DNA O[EEALE B & B H L7, DNA O &% [EHE(k Lca O BEEk
BEETNA » TN T A=V DH%E FE LTG0 B ERBEZLyr , DNA & T L h
VI A =N EWGEE LTS EDOT N T A — VO EEACEE ETyyr & LT, DNA O
EECEE N, &

Taut .
Iona = <1 o [ona A 4.2
HHT

LT, I, T T AV OEEAEE ORI E E{L S Lz DNA 12Xk TAT
TWND EWIHIREIZES <,
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Cathodic current [pA]

0o 05 A4 415

Potential [V]
4.8 DNA & 7 )Vl o F A — L (HHT) Z [E EAL L= BB CTO T Vv h o F A — VIR s
DNA & HHT ®iEA X, (@)1:20()1:10(c)1:5

ZOXREANT, 1:20~1:2 ORAIEB LODNA DA% [EEL L= 354 (1:0) T DNA [EE b
BRER W Lie, TAH o TFA—VOW 3 BHEH L T D720, DNARAE A D72 L 72
HLIZEPEBRENRKEL 8o TNDHHOD, {BAHIZIGE U T DNA [EE(L 5 2 HIfH T X T
WL Z ERATERNS,

10138
41 N=3 1
L 1

o R o N . .
1:20 1:10 1:5 1:2 1:0
Mixed ratio of HS-ssDNA to 6-HHT

4.9 JRA L DNA [EE (b B O BILR.

Density of DNA probes (cm-2)

DNA [ & Al 55 5 Z- 48 L C DNA Z [E & b L& EMA v C, DNA[EE(LBE L g 7Y
A RNRORE T T, ATV EA ZXLT- DNA EORIEICIE, ~NA TV EAL LT~
DNA CTORA U DM E G253 CEHAIT 2 Hikza AWz [67], K 4. 10 (2 HEJFRE 2 7~ T,
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SEMICEEM L2 —7 DNAIZX—57 v F DNA BANA T Y ZA AL TWD, EMmE
BRI ORSE & — 7> S DNACRRFIOE RSN H 5 L 12 LTHEL, DNAEMKIGZF] &
i =9 DNA i S S (DNA polymerase) MFFET 2ARAETH —4 » ~ DNA OHAFLS]IZ
FEAR 722 ANTP (K] 4. 10 TIX dTTP) 2 MMz % &, DNAHERIE A& 5, ZORISIZLY v'a
U UBR (PP S SN D, 2 DDEEF#E (ATP Sulfurylase, Luciferase) )& T, PPi L3
JZEME D, o T, ZOFNKERINT LI LT, MESOFEARTTE S, £
7o, MEKSINA T Y XA XL DNA TOREL D728, [F— O TR EL ik
HZLET, "ATVEAL X L= DNANEOHNMEEHFDLZ LN TE D,

Gold electrode Target DNA

I:;IGAAA - ]
- - C T ThBE—>Single-base
extension
DNA probe DNAPolymerase
PF" dTTP
AMP + Oxylucﬁenn +CO:
ATP Sulfurylase| Luciferase '*Lununescence:?
{okn Lucrferln+02

X 4. 10 —Hg AR SUS O T B O U,

X 4. 11 IZ/R L7203, DNA FEE(LK D DNAIRA b & RIS TORNEEDORGRTH S,
DNAVRALEDN/NEUW 1:100 205 BT & DNAJR A DB EWE N ENHM LTV 5,
AU, DNAEE(LBE M ULIZOTHANA T Y XA X DN OELIIN L/ ThbH, &
ZAN, BNEIT 15 E2E—2IT, 1:2, 1:0 & DNARALBEEINT D L x> TELEN
WA UTo, DNAJRGELD BN LV DNA B E(LE IR L Cuve/zd, 102X 1:0 @ DNA

BHIZBWTIEIANA TV FA ZOHEPETFTLTND I E ZERLTWND,
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=3
121"
10|
08l 1L

067

0.4]
0.27
0

1:100 1:50 1:20 1:10 15 1:2 1:0

Bioluminescence intensity (V)

Mixed ratio of HS-ssDNA to 6-HHT
B 4.11 e L DNAIRA Lo BR%.

412124 TV B A RhFE 2 ERITR L, BEELZEE(LEETEY, REE
1 ELUTHME LT, DNAJRALED 1:10 LV H REL 2D Eng T X A AGRNEIKIT
B LT ongmbd,

1.0

0.8

T

0.6

0.4

0.0 ' ' L —
1:20 1:10 1:5 1:2 1:0
Mixed ratio of HS-ssDNA to 6-HHT
4 4.12 ™A 7V ZA X5 & DNAEAS FE DB,

Hybridization efficiency (arb. units)

DNA JRALE 1:10 1281F % DNA [EEALEEEIL 2.6x10%5 1 /em® TH Y, 6.2nm [HFE T DNA
MEEASNTND Z &S T 5 6. 2nm [AIFEIE AEH DNA DERE 2. 5mm OFFLL ETH Y,
AT VEAZXPEL D T2 DB N H 5, —J7, DNAJRA I 1:512381F 5 DNA [E7E
BEE 1T 1. 4x10% 5y F/em® T Y, 2. Tnm [HIFE T DNA ZAEEL SN TN D Z LITHYT 5,
ZOMEIEFANATVEAZXBRECDFY XY OB TH Y, DNA[ELOFHER 2K # BT
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L8, NATVEARXONEPMETT D EREZHIEBLTE D, 512, DNADIZZEE
EL72HmEIE Lemm R THY, A 7 U XA X3 522 MBREIT A< LV, DNA EE
FEOWDLEIZLY, —Hd DNA BNEI LTS TIVHAXTEI LM NS, LLEDORE
Rs, b NA TV EAZDRPEL R DEMIE, DNA ET VT o FA—/1 % 1:10 TR
AL EANTDINAZETIELIZGETHDLZ ENGo Tz,

4.3 FET oY ZH W -ong 71 XA B L ORISR

DNA & 7 V7 F A —)v% 1:10 TIRA LTk %Z AW DNA & [EE(k L7z FET & 9% A
WT, NA TV EAXE LOME SIS B Z WE Lz, MRS TIE, 2tk
@ dNTP (dATP, dTTP, dGTP, dCTP) # — 2%, 10 ¥ Z — T S/, X 4.13 (2 DNA
WEEA SRR, ~A TV F A Xk, MRKOGH% TRIE L 72 FET & % o 1V fhi#f 2oR
To NA TV EAXBLOMESIET IVHFITESEMAIC 7 FLTRY, 0L
FECTEMOBALID LTI Z ENTND, :M@‘(@w\ I, FRER-86mV, —-60mV Th - 7=,

DNA XU VIR B2 T D7 OEAMIC e LTz D, SRIOHEERRIL, ~NA 7V
A RXE L MHE RKISIC L0 & FIZEM L, &BMOBMNPEA Lz L #E
Wcx 5,
J—— 60
DNA:’“U—};":‘ S S‘\\ 50
( )
GPMT/%%%S’JEM%JS’_S;%{ ” 407
= "l E 307
MV A{E —/a/:g:: : 50 |
’Elhff’vFDNA’[’Mv \ g
\‘[é,'fISj'j'f[[f,’ "015 lOOSUO[QT)lS
‘S ~S 8 S_‘Z;E‘:?—SS'S' “‘\\“ Vg(V)
wERE L s ™
o772 e 20 S
R4 . <.; () e P \A\’:Sém\’
! (% S S0 < 51
g < 3 = ok
SN LF - AVE 60mV
SS"’S-S.iiuiSS S8 5
= 0 01 02 03 04 05
Vg (V)

4.13 A 7V ZA X L OMRBOSIC & % BAA1L.

GEMOFFERELREL, BEMEMIZONWTOEERNRBZE LT, FHEAEOMN
L, @EEESIREOYA 7V v I ARNVEET T ANLRDT, B Q HEAREC EA
@F‘Eﬁéz&iy
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cv A 4.3

)
I

DR DD, ZOWIL 2R t TH Y ML L,

i

C=— A 4.4
V/t

LD, 1IXERME THY K 4. 14 Ol Z, V/t 13ERBIEELZE®T D, o T, AL
7T LOERMEZRIEETH ST bONHERREL 2D, HEAREILAnF/am®* THY,
ZHEIANA TV E AR, MEIGTEE Lo Tz, B ONTHERREIL, &EMERIC
B E(L L2 RSB 6 D T L h o F A — )L iy %ﬁ®iﬁﬁ%ﬂf%537uﬁkmkﬂﬁr
Thd, WK THLT VI TFA— VSIS, HEEOEM L KERIZHEERD Z

, TEAENFEAEL TWD, ZORERIE, ~NA TV XA XDOHITHHTE FFEAREIT
6-HHT DIERLT 2 7 N T1 o F A —/VHGr 7 (X 4. 13 TIEHEMR TR IR SN TND Z
LERLTWVDS,

—t
[ ]

[
=

Lh

-

Current (LA )
L]
JE—
"

'
Lh

—
o=

_15 1 1 1
-0.1 -0.05 0 0.05 0.1

Potential (V)
M 4.14 A 27V v 7RV A NVICKDEEREL

FET & > % CEUH S /- B A28 k-86mV, —60mV (%, i kY ZHFh-340nC, —240nC D
B DAY T2 Z LB 0D, EBEOBEMRMOZEIE, BEEEE 2. 6x10% 57 /cm?
FEEM 1. 6x107°C/ 531, #—72" v b DNA OHEE 308 KO ERISOMEHREE 10225
—B%%Cﬁi@%%%C&*iéoﬁﬂéﬂﬁ%ﬁ@ﬁkﬁ%%itloﬁ%ﬁ@WMi
DH/hSVDIE, WRTOAFNTRDT M ERICE D2 bDEEZXOND, WRTOT
NARF InmBRETHY, 30HELEDODNA OFE ST 10mBETHD Z Lnn, INADOHFFO
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5nm DNETIX 1/100(= e ) I LITE R AERIND, 2D X 91, Bl ENT-EME( &
DNA [ EAVEE FE D BIFR 1T T A i K 0 EMEICIERBA T E 5, BE R —BudEmIic s

%

B3N E B[RS D MEND D72 Wz, 5% ORETH 5,

4.4 FLOEAEBDORELE

REE TIIEEME RN E L THT DERE Y — MU FET 2o %2 W T DNA O NA 7Y

54 R R ORI % R = & & RB T,

1)

2)

3)

4)

5)

6)

LERBIIT-TF T —NFEEZIEH LT INA e — 72 EEL LT, DNA e —7@EE

H
b3 FE 2 dEREING & 2 BBERS CESULFRINCFHII L7z & 25 4X 1095 F /en® Th
ST, ZHUE L 6nm [BkEENA TV XA RITHRARBLEE: RS DNA O K & 2. 4nm &
D HINENT ERSIo T,

TNHFA—=L DN T e —T e SR WNTF A —o1) E NV e —7 2RA LR
ZHWT DNA 7'u — T EEEEO R A2 AT, T A FA— MR EHHERICE
VY DNA 7' — 7 EE(L B LT Lz, 1BEE 115 O EIT DNA 7'e — JEE(LDH]
B 1L 2. Tom, 1:10 DEAIZ 6. 2nm & BRE L BTz,
DNAZ' B =TIk LCTH =5y RDNAZANA TN XA XSHE, "NA TV EAXDEAY—
HHAR R ROSIZAE O BB D WA S o7, DNA 7' —7 [EELORIFE (2. Tnm) 23
TREIDNA DK E (2.4mm) EIFIFE LVRA 115 O BICRNEN KT Rb b A
TUEA XL INA BB RKTHH- 72,

& DNA [BELBE THIBL LA 7 U XA XL L 2 A, REH 11101
TOBAITHRNERKRE o7z, "R DNA DK E (2. 4nm) DfEFEE O DNA 7' —7 D
6@ (6. 2nm) YA NA TV X A X FBLLIZ LB HD,

BAH1:10 TFET BV HIZDNA Y o —7 ZEElL, ~A 7Y XA X LOMERIG
LD EMEEFIILI-E 2 A, ZREh-86nV, —60mV OEMNELE KL, AE
WiZH 95 DNADENH 2 7= 2 L CEMBMD LI-EEZBND,

B on-EBMENLIE, BEREEABWNEOEL)D RS - HENR2EMNELD
/30 FRETH -1z, WP OA T AN LDT A EREO DB EHEH SN D,

PLED X HIZ, DNA DA 7Y XA AR ERIGEBMELE LTRIATES Z LIRS

Nz, WEDKEZM ESE512i%, EMREmMO DNA °A 4 OIREZFHIHE L T\ Z &
N TH D, A EAWV B ZEREE, RO ERERE 2/ S < LT HEEDOE
NEERELND, T7hbb, F8MAIICIT 1 55FD DNA DA 7 XA RRRE S &
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HIT 22 ENTEDE91%, BIEDBERLFFH TR SLAEDBE G T HEEE O3 E
IR IZDNA 25T 2 Z &0, HHRIY| 25 D (U —7 v A) ZENA[RE & 72 D,
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5 é-i T VA NVERHEOT AT A NV AMIE '
1 R

i - BRSO/ BLE IR ISRV T, U A VAR 72 & O FE O AL -
LGRS DI DICARARTH 5, TEOLEEROEHEY NS, L 0 EE»SHHEIC
WRE 2R L2V E NI ERNPEE > TET WD, 2009 FICHRBOFATAZHIESHI L
2010 AEICITUEN B =S S50 v 7z o HIND [69] OB T, 9144/ 7
~ NI 74— HOEBSREZITV70], BENEDNDIHEGIL) TIAXA LR A
T —B WG (U T Z A L PR) AN A NV AOBRIDREGE [T Thil, LirLZ
DFIETIE, AL/ 7m~< T 7 4—ICXD0 A ORENRN D, BEESHBIL
ToBEpE Tl 2 IR K 0 BEICIEEDDMER L CW D RIEEME N S D, DT, LV 3R
B2 I3 D I SRS U A NV R BT 2 HIERE L SN D, F7o, MER
HIZBWTIE, @E 1| AREOREZET LSHEFENAVLNATEY, EELLEML~
DA OEADH L2 KR T, BEOEINLEIZR o720, FEOGEHENILRL
TWEDTHZENFEEINTND, TO), Bz L L LAl ho 8 722540
D EREERHBNEE IND, T OERICKHL T, @iffE{fkLiz7e—% A F2X FUX ATP
FR e EOFEPRSE - B INL TV 572, 73],

AHFZETIE, BIERR O 78 DNA & BB TR 2 7L [141ICE R Lz,
Z OFHATIEE, OGRS A sOR B SR B R T O & L TR
L, HSZFHBL CHERSSREERET DT VXKL TH D, JREAZ2HE FRIZ M1
D) ERBOFPKETH Y, ﬁﬂﬁﬁﬁ’i%o%ﬁ%of%%ﬁz%%bﬁwtw,%
JEPE 7o R S e IR BB O I EICE LT D, LavL, Z OFHANCITEE 2R
MBEL T2 D T, TOEETA VA - MIEHOEERRIEEICEA T2 Z I3 # LV,

BREEZ RBLT 274 VA - fIEOT U AOVEZ X 0 BIEICIT O I21E, BERLER
ISAREE L 72 DR EESE LTS B X7, B 5.1 IRT X HIT, PERilsEs
iz IS H L To A LA (~100nm) » AHEE (~1pm) & FFRE DR & S 0 dHEMR A EER L (0
INERRT L A), ERIRPEEIC LV SEEMEO Y A VA - MIEOFEZ RN 5 HiE%E
ERLTc, BMEEIZITVANVALCMEZ N7y 7 CE DFRPEELINTEY, £
EE SN TODPURITXE Z & (X 5.1 TIEA~DICHRR D U A L ARLHIE SRS T D,
BARZINZ 2 EIRFO T A NV ZAME NHURE AL, —EOEM EIZITY A 1200
EN LTy 7ENTIRRE L 20D, FEMIZONT 7 AL ZACHE OF 2B NOT YV
ZNBNHIE L THERT 52 & T, A~D ZNEND T A VA - flIEHOHZRETE 5, =
DHETIE, UANVA ORI L DEZEMIIZDPDIEE 2T RH>TH YA VA -
MEAZ 1 ORI TEDL 7, ERIEbOXTFHIRREL R OB VWRIERND S,
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AT, K 5.1 OVAT AOEARFITH HERMNDDT X VI E O LB ]
REMEIZ DWW THRFT L, FEFEZ{T-o 7o, BRINZRMETIE L LT, 6k HME Iz AW
BNTEIA v E—F U ZFHINC AT, Zva—2t oY OEAREHE TH D BRI
DNWTELE L, £7, AREREZHWZHIE S I 2 b—ra Tk v, JREMHER & B
HAD =X DDEREIT>T2, T LT, TEFLRELE L TR AF L E—=XZHNWTE
BROWEZATV, JFEREGE L REOH 21T > 72,

Antibodies
Target

electrode

Detection Counting

5.1 VA LA - MIEHOBERNT ¥ X AV aHlTT k.

5.2 A v B =& U AGHE MW7 ¥ & VEHK

B 5.1 DY AT AOQRKKFHETH 2EBLZMNNOT T Z VIR HIEICONT, 4 E—F
v AFHAE AW GBI OWTHR Lz, A e —& 2 ZFHNE MR O FHNC @ ST
BV [75-79], ZORRDA & —& v ZZERITHAIEA BRI HERIA L LTS 2 &3 T
EHZELICHKRT D, VANALEE_EHEEZAT L 00D, MEEEE R v
— XA E BT EEZX LD (80,81], £ T, HEMTHIETHLARERLELY
MWT, EDXo A =L ZABRGELN T, LT, A E—H %
EBRHTTREE ZE 2 DN HEMFICBNT, RUAF L E—X & T Vikkl e U CEEE
BRaAToTo, 150 NI EBAERO AIRE H#EE F WA R L OERIZOWTERELT

277,
5.2.1 4 > ©°— & ZREHIE

A = Z U ZFIE L, R EEEINC ST DA BRI 2 WE L, WESRDOA
VB RABWET D HETH D, 4 o E—F U ADOERRFEIZITWonHY, 22
TlXBode a2 v k& Cole—Cole a2 v R &5, Bode 712 v I3AkE 2 JE I 5 D% L,
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fithha A = 2 HE O L LT- 7 a Yy hTh D, ColeCole 71 v M, iz
AVE—=F U ADER L, i A = F o AOEHRE LTy N THD, AFEEOE
B (RBUASy, ARGy, Py & ARG OES, HRBUAS & & By D) & E i
T H A v =2 20T ry FERFEE LITR L,
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# 5.1 FEIBEXIZKIET HA v E—F o AD Ty I,

[E] 3% ]
Bode 7' & v k Cole-Cole @ v k
AL E—H A
N
R c -
M- | :
o <
= on ® >
N g O R
Z=R i
Freq [log Hz] Real
N
C c >
’"I |_. Eﬂ Slope-1 g
- o >
R >
erie Freq [log Hz] Real
N
R C o) Slope-1 >
AAR | B :
= -go R 5
Z=R- 1/21RC -
2mnfC
Freq [log Hz] Real
R N
o >
[eT] (g]
o) c
— % S
C N Slope-1 £ 0 & fS00 i
R -0
7 R 1/2nRC
- 1 +2mfRC Freq [log Hz] Real
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5.2.2 AMRBERIELZH WAV E—X U AFFHFXT X LGOI 2 b
— 3 v

BREZEEZANTA Y E—F U ZAHUGTROT X VEHlZ I 2L— L, AL
A« Al ORH ATREME &2 TR T2, REAIRT S ORI, 5.2 OEIZRT L D 78 R OB
FICHEE N L TRIERN R THD VAL A - fIE DR SAVREE Lz, BmOERIT
FERCHUE L7ZEM R OBERD 1.5 FORES L Lz, ZOREE, K 5.2 OFIRT
MR DET NV CRE LT, KR OA A o DNEMmZEE TR 2{EY 242 LT
A UHHMBERREORERE CHIER _HBY, WERRMY & L CEM I E
L7, BR_HBEOFERREZ, BIBHE L-eEMOBER —HEAETH D 15u F/on® &
L7z, BR_HBOHE LIZ, JUROKRE SITHET 2 10nm O Mk A 2210 CTHIE X5 2 Bl
L7z, HIE Mkl s Lz, £72, BR _HERE LI Y EOZE/%Z, 100mmol /L FEEE D KIR
WTH ST 2 ESIEHE 1Qn, FFER 80 & Lz, BERSME L CEMmE FHICERE Vo
WEZEIIL, Wil EEE OVICEE Lz,

Boundary condition

ME=0V
YA
Target
d=100nm-100pm
insulator
=1

. . _ Gap
Antibodies = 10nm

Electricdouble layer (EDL)
insulator

\ 15pF/cm2
1
Electrode Boundary condition | /*
d=150nm-150um E=1Vop-
p=02m PP
g=1
Model

5.2 (£)EMLEDPERFRDOA A — (h)FIREFZETHIT LIZET L.

A 4

Image

TIE S NEIE L7 WA O EfER % Bode 712 v F T 5. 3127 T, EHBELICHES
9, & D EPEELCTOL M S A EIEE A CEE -1, SRR EE 0 DAY b
Lo, T, £ 5.1 OEPIRD EBEERDOEBERIKONEICHY TS, £7-, B

MREAE%Z 150pum, 15 m 1. 5um 150nm &/hEL LTWL &, A7 hvid by 7 b9
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5 e b, BHUTEEEERICTS 7 PLTW o, ThboZ gz E54 5720, #K
YUy & BBy NEY| &7 oo B A ET IV E LT, ZTNEN DRy ZBMELRICIR L
Trmy b Ui, FERDIZERO ZFITHEI LIk U, RIS IZERR I A L
Too BALIEFEDH T2 DOF ¥ N Z 2 2 TN THOEEDOBEMICH TS 15 F/en® & —EfH
ThY, ZOfTIHFHELZBR _—EEOREE KLz, toT, FMEKIZBITHFx
NUAIFELR EEEELTCWD Z RN Dnotz, — 07, HPUEITEMERD —FIC L
B U7z, S B OESUTIRIE OBXIILTH D LHEHI L, IWROBLXIESTE Resistivity
of solution) #Z LIV TCY I a2 —v g &{To 7, PR EHUEIXIAR O BXIEHT
B L T2 2 & 0D, iR ICR T 2 EPUTIERO EXIEIL TH D Z L B3 o,
EHUENEMELE D " TIER < —RITHEI L7z OX, EEE D OH A L BIRILEm
MOEEN D FZEBENME T 5720, BEMITEE O EIRD BRI TR IS 7 5 )
LbThrEBEZLND, BRIEPUX, —MIC B/ SAOERE B/ SA OWmfE ©F
SND, WUNERIZIWTIE, Bl N2 ORI BTV TR 722 5 BT
DIWEDIEITEE L, BR/SA OBHEBEITEMERICEHTD EEX 55 0T, EX
AL EMOERICIH LI EEZ BN 5,

1011
1010

o 9

g- 10 Electrode Dia.

g 10 150

c nm

o 10’ e

e

9 10° Sptm

g 10° 5um
104 150pm
103

103 104 105 106 107 108
Frequency [Hz]

X 5.3 HFIREZETELNIA L E—F L AALT hL.,
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G _ ~ 0
106 = >4 10°
{16
5 o> /\<)'_> -10
= 10 E‘/ 10
= 10* BCI 101 =
2 e © )
4 / .
10 o 1012
102 - 1013
10 T 1014
@
1 1015
107 106 105 104 103
Diameter[m]

4 5.4 EMELE & EFHEGUES L O S| HBEA REO B4R,

10°
Jo
V4
’/
__ 108 t o
S o
2 7
D: 107 B ///
/
Jo
/7
106 1 L 1
10t 1 10 102 103
Resistivity of solution [Qm]
X 5.5 [EAHEHUE D EiE B SRS UK A7 L

WEXNGORBIZL DAL E—F U ADEEY I ab—va Al l VR, TOE,
RIERT R OERE, EMOER, HEXSGE EMOFHLZR 5.2 OXHITERE LT, FEHEF
(Z AR mﬁ%%ﬁ%#é%@ﬁ%u DIEHHOFIZ XDEFETH-SE 2045
ANT, BHROBERIIHESROBERLY S 1.5 K& Lz, K 5.6 1IZ7-TXoC, »
THUORMEIZEBNTHA LV E—F ZAOHMB R bz, I, f v E—F AR
MV OZE R (B £) X0 bEWEREICBW T oA LI, ROEEREICBWTIEA
VE— X ADOBILIER DR o T, K5 TICA v = ADENS AT, £,.E0 b
BWEECT, K 100DA L E—F U ZADOHEMTH o722 LR 0D, Bl HERED
EAE IR WNT, £, L0 bEWERB O A v v —F 0 2 TIHIEHRN LR Th 5, 1> T,
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f, X0 EOWERETOA v E—F U ZAOEENNTHGT RS T 7 D BRI O s sy OB
X0 THDLZ LB 5, ZHUE, EREICHESRNGFET D & CTEMIEORE
LS A DS I, WKL L7Z B 2 b6h b,

#5222l —alrORNTA—XK,

HIE X DB L TEMR D B HIE *F Fr & EEAR D PR
100nm 150nm 10nm
lum 1.5um 10nm
10um 15um 100nm
100 um 150 um lum
1E+11
— E—X%L
e N E—ZX#HY
— 1E+9
G,
Q 1E+8
il
_§ 1E+7 100nm)
S 1E+6 1um
§ e SR PR,
1E+5 | 10pm
1E+4 ~— 100pm;
1E+3
1E+3 1E+4 1E+5 1E+6 1E+7 1E+8
Frequency [Hz]

X 5.6 IESBRDFEIEILL DA L E—F L AZAT h VDAL,
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012

01 r

008

006

alz|/|z|

004

002

0
1E+3 1E+4 1E+5 1E+6 1E+7 1E+8

Frequency [Hz]

B 5.7 MIERNRDFIEIZL DA L E—F 2 AART N )VDOZELSy

UL EDFERNS

1) ik oEm L, EmROER HEER R C) &Rt (R) O BEA|EK TR T & 5,

2) FEM L ICEMERD 2/3 OB TESE L7 ERMMFIET D &, BRI/ SAPEHILD
&7, mmﬁ#ﬁim%&f>ﬂmmc:‘wf4yt~&yxﬁ1mﬁ§%m¢5o

3) MIEMRDIFEIZ L DA v B — X ADOEINTEEIRIUL S DM L 26D TH Y,
BME EOEX BB ICERT 2HFENRSITIRTE A EEERELT R,

e,

5.2.3 kkx ZREARIEAR O FT

HERIGEOFEICL D A v E—F U A %, BB IRO TRIZE D KT 005
L7z, X 5.8 1T L7zD3, &R EICHESRBFET 5 & EOEMR~ T~ OZE Mo
TdH D, B IELT U ,%Eﬁ%%ﬁ@?éioK%mﬁmh1w6®ﬁ%#60

BB RER 2 6 D BRI AN ZNTIE RO BELZRESZT TNDLENI T LERLTVND,
— 7, EARJEDE OB S A TR ER G & IXEERIMIC R L TR Y, JEMROF
TEDRBIZ/NENWZ EERL TN D, - C, BRELEOIMINCIHE BT 5 B/ SR &
T 5 EnTERE, BESROBEICLDIA v E—FX U ABbEHARTELEEX
bihvd,

AR L & AMANZ FE BT D FEIE /S R A4l 32 & 5 (S EEAmR JE P I AEE 2 3% 1) 7o i
EZEL(K 5.10), YIalb—Ta T LEZ (K 5.9,11, 12), 7235, MIBEZ T /4%
EOMATICIE, ZHETEY S 10 fFHEPUEO R VW 10 mmol /L 2 OKIEHKICARYS 3 5 ER
PR 10 Qmz HWiz, LF TR CREOEBESIEIEE H W =T — % THRE1TH, X
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5.111%K 5. 10 DA EMTOREFROE K TOA L E—H L ZAZAXT ML Th D, K
5. 11231 % Plane & [X 5. 6 DFEMREALE 150nm G E R EAE 100nm) 17 UEMIC OV T O
RN R CTH DL OO, LR X 5 ITKEROBLEPUEN 105825, Toizd, (KE
WEMOR BT NHRIF LI A > E—F U AFWMETIZE A CEORR LNV DIZR L,
1 JE I KA DI TIRPUARAE Lo A v E—F v A, K 5.11 TIEX 5.6 X 0 10 51K
Lo TS, £, K511 TiE S bIcm A mEdk (10~ 10%H2) I8 W TA v BE—F
ADEFARR SN, ZhE, KOFHEE (LFHEERS0 LHE)ICL > TELUDREMIIC
E2b0THD, WOEIN aDN RO VRF ¥ "V 25525 L, FEKIIX

a? ®
— — 5.1
C=¢gpe,— =¢gp€,a

Thd, —J7, TREOESUE,

a p .
_=2_F A 5.2
Rpaza g
ThbH, 5. LI LI RCWHIEIRRIZFYS L, JEkE
1 1 .
5.3

f = =
2nRC  2Zmpeye,

EHIC, SRR TR B R S B 7R B, OB, BAIEHIE 1 Qn(X5.6
DEE) TIL 3X10°Hz TH D DI L, EXEHHE 10 Qm(¥ 5. 11 DFE) TE—HH{KW 3
X10"Hz Th D, £ D7z, X 5.6 TIFBUH S 72 7oA Hdk (107~ 10%Hz) TDA >
E— X U ADOK T 5. 11 T Sz,

5. 11125739 X 51T, [IBEDEEL REE (Plane) & Eb~MABE 3 & 2R HE With sidewall) T
TR ST 28 3 R Lz, ZAuE, 5.9 123 X D ITHE L TV B S A 23l
BECHEWR SN2 Th Y, TOLIREIRN 2/3 BMEGFELTCWEZ EZRLTWVD,
X 5. 121ZR L0, MEMROAFWIIL DA E—X L AOELEIGTH D, HIERR
DIFEICEY £ R0 b@EOVEEHIZBNWTA Y E—F AR L TR Y, ERIEHTR Sy
OHMEZR LT D, ZHTHBEREN & X LRIROZEEHTH D OO, TOEEIGIE
AEE S Z2UNGE D 10% % L CHIBER & 585513 35% & 3fELL ETHh - 7, ZThuid, MIEx
B OFIEDE BB L Z 72> BT RANABEC Lo Tl 2 EO&R L E 2
bivd, T72bb, WENROMFETHELZIT 2ERENED RN ETDH L, IREC

LD IR HHSGUR T Y 3MEIER LIz7o, Mt s SR LI LR TE 5,
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MIBEST & BRO B 2 G AR R S, fBEICEm 23R\ 2 AME MOV TR L, X
5. 11 IZRLTEA VY E—H U AANRNT MLD X ST, AEEOENER &g LT, f, LK
JEREIZBNWTA U E— X U ZADORDN, £,L0 EEEHICB N TA B — & O
Bl Sz, KEFRKICB TS, v E— X U AORNITER E AR O EINE R
LTWb, Ziuk, fEEICEMARITTE Z & TEMORmMBENHE KL, FERDPEKL
Tl Th D, £, EEEEKICBIT S A v E— X X OISR 5 O % &
HLTEY, MEEDFECHERT DERANADERINTZ2OTH D, 727, EMOLN
MIBEZ BT HGA T THMORE T /NS o Tz, MIBEIZER 2% 72 2 & I2 X 5 EMm
RO RD, WP O Z b7 b Licied B2 b b,

F BRI OWTHE R RO LD A v =X o AD B ET~ T, K5 1217 F
A= U ARARY MIVOECEIG SR TEND X 51T, IR 2IE R KT 28%
&AL EIG ITMBE NN IGE LD SR Lo, £72, A4 U E—X U AZBADOMG £ D JEEE
3 & KVREBEREBMIIC R o7, ZhiE, BERODOERIZEY LR ED Lo TH
%, £ OBTREICHER BB OIETICORNY, %IEEHAT 2 HFEREDREDE
BRATRE L 72 5,

- il N
Microelectrode - I Microelectrode

X 5.8 MR EIZHIEMRDH DGE D EGR 5.9 BEAH 7 2 B EICHERS R &
N7 kL L8560 OERRT MV
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Frequency [Hz]

5.12 JHIE X RIC X DABERH X BAROD A B —F 2 A AT VAL

AENIH R GR 2N TR 2 b= 3 Y EIT o o2 ORGEIAT DR o 7288, IExT
BREMO PN OTNINMBICHEAST DL, A =T ABMT NS b ETHS
Nb, TOD, WEMSERPNEMOFLIHEET HZ LITA =X ABDITH DX
EWHITHTOICEEEZ 2 LND, £ 2T, EmoPLHEfEYE LT, & IICHR
R EOREMREEST D2WEEFEET D F—F Y REMIC SV TR L7 (¥ 5. 15),

HL RO R & SEA 40nm & EAE 80nm [IZOWT Y 2 b—3 g VATV, FORETH
HA Y E—L U AARY MLV EREMNBROGFEICL DAV E—F U ZADOEEI G %K 5. 13
EX 514 (2R, EE 150nm OBEMRO F0NZ B 40nm O#eiEM & % 1T 72354, ERiZa
FEOEME LR THERERIIWHTH Y, WESROFEEIZL DA B —F o AZE{LH 10%
LIFE AEBEBNRR NN 0T, AT, B 40nm DA I LA IC L CEMO 1%
TN &, FLEENRL e ol Z & TRONDEF/SALJEFHO B HOEF S
ATHibhbdZ Ltk b EE2BND,

AR ELE D LA B [EA 80nm Difiig & 5k 1T Io i lE, HEREROMME A v E—F
> AL DD (8% ) BB ST, EBICEDREDONERLETDH I LN TE 500F, FML
FRSOME RO GG R ECThoi b T 20ENH D, [FERIZ, HIEEF X EMIZONT
b K=Y ROEMmNE AR T o L0 d0~ m& 25, MEEM & i L CHAISHEGY
R TR EIINEL, BHETHD Z ERghols,
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5.13 R—FVHEIBBRDOA L =X L A AT KL,
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020 —1— Doughnut(id80nm)

0.15

Alzl/|z]

0.10

0.05

0.00
1.E+03 1.E+04 1.E+05 1.E+06 1.E+07 1.E+08

Frequency [Hz]

5.14 PEMRIZ L D F—F VRIEMD A & —F L ZAAXT b VL.

7 7
X 5.15 F— Y REME N (2)Wrm ) FmX.
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5.2.4 T VakktE oA v —& v ZFHI T ¥ & VEHI O EFE
AREREEZH WY I 2 b—ya ki, MEROEMO FOICERERD 2/3
DRE IOHROUERI BPFET D &, WHRIRPURR S 23 LORE RN+ 2, 2o L%
FEHENZ L VD D20, B 9um, 37.5um, 100um OFEMEEL 6um, 25um, 90um
DRY AF L= HNT, MESEOFEIL LA B —F 20 E JIE LT,
X 5. 16 ICFEM TR LIZDOD, PEMRPFELRNEEDA LV E—F LV AZAT FLT
o5, MKJEEEA D Q) BRI K p3 2k,  B) BRI Uik, (C) &N
BT B 2 fEik O 3 SEIASBIRIC KB & 7o, (M), B)IXEX _EE A& & WIEIELO
EFE B CRIARERFH TH D, ), B) TNENNEKRE D FEMSY & HPUK /513K
5.3 DY THDH, FEEDITE~10u F/en’RETH W BER _HBICEKNT /&R L
ExoND, 1272, b THFARELZZLSIKHIEEZIT> T 3 EHOENRHY, JRA
LLT, BEXRCHBEIALETH VRICEEEN RENW L L, ER_EREARIZS N
JEDOWETHENT D L H12(82,83], BMEMIKEICHEIIEKGFTLZENBEZLND,
BEHUR T HER T O L B0 EMERICA LT, —J7, (O3S & & RitoEs|HE
HTIEHLDERWVES THY, FMEIREE LTI b ICHEL WINTHRE L 72 FIEE T#R
T L NHRD, B AABRSITRBREICAE L ARBRY THIFERRE LN SN,
PUbkaFedds, WITBRKR-HEREYZ, OFXEKENEZ, ORFXFEREZNWRLT-
T H D, Jum OB TIIOEMTIE, W) & CIXHIRRICBI 2 SN 73 B)IX00 AR
Tholo, ZhUL, BWROM/MEIZ LV EMERORER DD LFERELE Y,
(B) DR NIER C /2o TeTzd B 2 B b,
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1E+8

1E+7
G
— 1E+6
Q
Q
c
C 1E+5
e
Q
o
C  1E+4
1E+3
1E+2 T T T T
1E+3 1E+4 1E+5 1E+6 1E+7 1E+8
Frequency [Hz]
5.16 /N EmBOA L BE—F L ZAART [,
# 5.3 WUNEROR By & P ST.
EMRE L | REK D TR BAHIE% PP 5
9 um 6.8 pF (12 u F/cmd 4.9 pF (8.6u F/cmd 30 kQ

37.5 um 46 pF (4.2 puF/cmd 46 pF (4. 2uF/cm?) 9 kQ
100 um 280 pF (3.6 wF/cm?) 268 pF (3.4 F/cmd 3 kQ

EAA6um 25um 90umDRY ZF L E—RXEREMSRE LT, HIENROHFEIEIC L
HA L E—Z A ERE L, K 5.16 \ORT XIS, WTFhOBBIIBNTH B D
L TA V=X U ADHERBHL, (), (OO TIXEEAEEBLBALNRI ST,
i, Yab—va U TTRHlSR, MERROFIEIT L D BRI HU ) OE K E —
TR THD, A E—F L RAOEEER 517 (TR LTz, 0120 B) DFETA o~
=AU AR LTEY, RRMEIE 16~35%Tholz, YI=2lb—a ik b0
10%k 0 H REWERIL, v ab—r g TIEEM ERESROBIC 10 FEEDX ¥ v
TERTTZOCH L, BERTITEMERNY AFL o= A0NEM LTzl En—HE L
TEZbND, £, EEGum & 25 m OEM CTIIHEZIAIC X 298 CEMBERZBE L
Tele, MEAROBERD 4.5 0 m ORBENRFET DR Lo TNV, ¥ 2L —a T
FRAE L7 K D IMIBERFAET D L EXMN BRI L DA B —F U ZAOE{ITHK T 5720,
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COMEBEDHFES A B —F L ABEDHRIZFEG LI LBEABND, YIab—vay
EDIEEMEICHONT LY FEMZRBENEIA % ORETH 5,

40%
35% | | x6um

30% | | °25um ﬂ
25% L | =90um .:
20% I5 ,
15% ¥
10%
5%
0%
1E+3 1E+4 1E+5 1E+6 1E+7 1E+8

Alzl/z]

Frequency [Hz]

X 5.17 JHIERBIZLDINEMDA L E—H 2 ZAARY [ IVEAL.

LED X 51z, FERIZI W T SRS SRR 7e (B) DFEIKIZ IV T A, JIEXRIAIC
L4 =X U AOHRBBHI SN, —F, FERICBWTEHREREDIRE A (O D
FEES HBLT D 2 LNy hoTe, ZORARBEDHFEDTZD, BEMOBUIMEIZHEW (B) D
W20, WESRIZLDA ‘/t°~5"“/xo>ﬂﬁ1h@i@tljﬁ>%ﬁ&foco-m\<o FAER
T 1L.7pF TH Y, EX_HEAEL 0uF/cn2 &35 & ZHILER 4. 6 u m OEMITIHY
L, HERSITEMELED2/3LT5E 3 1unBNBIROA » E—F 0 2 RIEFR TOHIER
RERFEL D, FERERDITEMAELZES T2 L TR TE D720, HWERKE
—RIE L7 R T IS K D PERR 2 TIF 5 2N TE D, BloFikeE LTiE, B

DEJ[_HBAEZERKIELZ2LHV 25, YIalb—Ta rz2{To7t L OIHEAE
X VER EHEAREAEASE, fr 2 IR 22 N TE D,

DG SR W SRS Wl
) AREREZHAWEY I 2 b—va TSR X DI, RIERG OFIEC X 0 IR

PR 3R LTz,

2) EhiaE MIME L2354, BN CTREFERENE ZHET D2 EER 2D, BUR 3un

HERR & D bz, ZhidAf v B —F v AHEREZ2 — KL L 72T v 7 e

OB TR TE LA REMEN D 5,
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5.3 EIREHZ H =T o XV EHK

RiA v B AR EEICR X CTHEROPEEEZH WD Z & T, FEFEORELZE
PRCE DL BT, EROMEITIE, @HERIE CWHE 2 I L 73l TORRLE BT
ORWENH VLI, KRETH Z ORBLECERFIEZRA Lz, RifiA v E—F R
SHEEOS A L FERE, EPARBEREZ ANV I 2L —a VI DB EITY, Hio
THEBRIZK DMEEZIT > T2,

5.3.1 ARERELHWCERH AT 2 AGHMOY I 2L —2 g
BAREHEZANZERFFHOY I 2L —2 3 12iE, M5 18DFFAZMAVE, A~
v —& U A OSE & RRRIC, BROBEREZNERROBERD 1.5 fF, B e HETS
DF ¥ v 7L 10nm & Lz, WROILHUTER 2 KRN 2 BILZ T E Th D ~F Vo7 /) 8k
D 667 um’/s & L72[84], BERSMIL, Wik Lila —ERE D 10 mol/L, B TILE
A & RS TT IR ORI E LT B LR e EDNE R S D b D & LT,

Boundary condition
M c=10mM
v R

Target
d=100nm-100pm

Gap
Antibodies = ;)
Electrode
«—— d=150nm-150pm R
k=60001m/s — -
Boundarycondltlon
dc r
© = ke
dt

[ 5.18 (£) B EOBPEMGE DA A— () GBREREIECHET LT L
X 5.19 {ZR L7=DA, HIESRMIELE L 2 WEMR TORLIETHEOEERETH S,
ER O ETERMEICHY T2, ey hCTEx 1 THY, BRITERERICEG]

L7z, ¥ r OMNFEOEMRICEBIT 2 EFEIL
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[ = 4nFcDr 5.4
n: BEVE T, F: 77 77—, c: BLETCWEIEE, D JEBERK

E

LR O—RICHPIT S LN TEY [85], EAEMNH D, ULV IETER D EEL)
TTWE DI R L 72> TWDIREEEZR L TRBY, SHOETMIZEWTHERIGE TYWE
DOYEHEE L 72> TWD ZE N5,

i
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— 3 0
< 1E=7 - T e
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C | . |
o | |
- . O |
> | ;" |
©1E-8 [ ZEEEEEEEE e
s |
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1E-7 1E-6 1E-5 1E-4
Diameter [m]

X 5.19 B&{b 2 CEIT O EME LR T

AR I DA O BLE TER A Ko7z, BIER R L DEMEETERO
BAERIRTE 352 &< 1EIEE—ETh o7z, RO K IS EIOET L

BT LR T E OJLE AR TH D720, BB EICHESNRNH DL LT
BOIHPEESN, TOJRBIGECERMBD LIz EXbh 5,

sy FH
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Diameter [nm]

X 5.20 Ml = C i) 3 0O B E AR .
X 5.21 & Wz X o T E Tﬁﬁﬁ@ﬁﬂi @L%JE.

5.3.2 %T/l/nit*/"%)ﬂb\fa_ /)Ibu+/EIinJ‘7A /&/I/n‘l'{ﬁu@;%nﬂz

EAEDS 1. 5~135um DEMA AV CTELIE CERE 2 & L7z, #EE N OB O
7w 7 7 A g, BERINE S CTRARL L& 25, K 5. 22 O X 5 IZAMEI % 7R Lz,
T, BRI E R T EART R O b IR ST E IR & G OFRE T W EIR EAE LT
oL, EMTHAGRITMENEE I D Z & CEMEF OB LR ERE DT 5
2O T D, EREALE LT-EERN 30 BioEREL2EMERICH L TT ey FL,

X b4 TERSNLHH @MLK LILLZ A, ERRfEL KL< —BL7e, X b 4 1TMLETTE
T RAE ST E OILARIRE e > TV DREEZ XL TV D Z &0 b, BUNER TS E

TEANERAVE ST E OB & 72 D & & 2N ERIICHERR S 47,
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5.23 &EEEINN 30 #X1% OB .

BT, BRLICHIE SR AR L E— XN b5 RE, TEEE S CERN Y
T2 EEERMICHER L, BER um OBMICER 6un O —ANEWHHA L, HEE
1.5um DEMICELR Lum OE—X0NHEH 555528 L7-f5 R %X 5. 24, 5. 25 |[ZR"T,
EHL6 6 E—ANEM LA ET D 2 &2 FIHMEE TR Lz, EA 9u m OEMEIDIC
SEOER6um B — XRS50, BB I e — XIFFEEL TR W (X 6. 4 FAGTEA),
ZZICEM I AN EE SN D 2 & T (M 24 ANBEA), B 15%RERAD L,

WAORIFT I 2 —a VIV RERMETH- 722, ik, BEEDICH D50 E—
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AREEDOBE L LD ThDHEBERZ LN D, B L.bum OEMOLE, HIERRM 20 7
FHE C RV IFEAE 1 10%FE BERD L7, iR OB T B2 i T2 &, RERT
EHDLPEMULEICEDO LR OB SN, BROBADENR I 2 b— g LFL
0% Tho7zZ & bMT 5L, BE—XPREMEICHEINZZ ENHERISND,
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UbknX iz, ¥ab—ra rTPELEE—XIC X DWLETY E ik O ED R
ERALETCEMOEE LTHRETEDZ B3 0holz, 72, K BETHDEL 100nm
DHE RN ROYE, 5,19 EREDEFMEL 5. 7x10 A TH D DK L, HIELHE DS
v 77Ty RERN X0 PAFRETHD OT, IR E AL OND,

5.4 LWL AKRDEE

TA VA HE LD 100nm~F u m DK E SOPERGET X ABRHT LR E LT,
B ENGRREOR & EOM/NEME AW ToA v —F 2 REHANE & b o B itk %
ERLIZ, ARE#EZAWEY S 2L —32 g XD R L A = XA D&
BTV, EFAREB(RY 2F Lo — ) 2 EER S E LT FERNC X B SR &
EOHIH 21T o7, TORE, UTFDOZ LZHLMNT LI,

1) A E—F U2 MDY I 2L —a k0, BUNEmRD D HEHRICRAE+ 5 ER
N AP INERGT BT BT D HERT G E 0 b D 2 & THEGUED 10%FEEHM
TDHZENTINoT,

2) PUNERICERE FRE ORI OMBEZ T2 Z LT, RBICHES LRWERNSRA %
IR (BB S AR 2/3) L, HUEHMFEZ 3% HRIE 6D R pnol,

3) ETNREERWTA v E—F U XFHIE 1TV, 156~35%DIRFUEZ L & L CHIE XI5
DHELZRIHTEDLZ L EFEIE L, Y 2ab—Ta rE0ET, BNER S RIE
GOX ¥y TN Ialb—ar EFERITERD Z ERRA & HER LT,

4)  FWERBEDPBRETRERNEN R A XOTRERD TV, FFAERE 1.7pF OBURT
X 3umOUEMZERRRTH D Z LN hoi,

5) MLEICEIFIH O I 2 b—3 3 T K0, BUNEMmRD S HEHRIC % MRfbiE e
W E DOYEED N BAL PHIALE T 2 EFRICE VBN D Z & TERkE ST B iE

N 1OMRER A5 Z &R oTz,

6) ETVRENEHWTEEECERHAITY, lun ORERSRE 10%0 EIERD &
LCHHL, EFRBRA FEIE LT, /A AL b7 A LAY 5 100nm D
EXRPREFRETHD Z L& A LT,

# 5.4 ITHIEE Z L ITHRHRA & FIRREE R L 7o, A v B —2 0 ZFHANE TR
RETHDL120D, RILANREICHEATTRE TH L 0D, B K 2 FAER R K Tt
RA2S3um THDH, Zhucxt L, BbiEcERINEIIFEREOFENE, 100nm F
THETZ2ABLAGELN TS, AL, MEEZRRICEMNT 20ERNH D Z L, K
Y OBALIRTTORBEEZ T L ENBRETH DL, A —F U AFHHNEICET 2 THER

100



DT,

100nm £ T/Hh S TELAREMEDR D D,

HIEF BE— ARG L0 iR 2E< T2 2L TRBTE, 2oL bRt s

5.4 FUX U RO E.

A — X ZEHIE F (b Jr A

B i H A= 100nm 100nm
Bﬁﬁ FEH 6um 1 pm

HEE 3um <100nm
FA e SN FERBORBL L
e HERBOREDHY EE AP

HHER D I D3 5 5 LA

PIRES [l — RARIT K D B AR B ORI | Boii B E il 2 iV 7o s B o fikks
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6 B i am

KT, R T NEEBRLT =7 FTNTF N A~OWMA 2R, BEIREZIC
HEEOBWVERWME CH LA A, X XU, NA, filld - AV 2AZRIEXISR E LT,
YR E A OV NI AMED & 5 VY Th HBEXALFE A A BT 258 %
WwE L7z, TR, BUEERTH HERHNEE AW EXULT A A& % CTldEMmm
OO SERMEEL 2XEALHZ EBRBETHY, HHMLIC XY TR EITHKT
HEEXI, 22T, BMEEOIEXD DX OB LT I WEA 223 7 RUT B fA,
AF oY, BRE Y, DNAECFORICERY AT, £, ERFHINEOREEZ T
T HEICEZMEX O T L EH X, TUXAGEERWZME - AL AFHINZE
AR TR ER Y KA T,

2FETIX, EALEFEEZAWD A v ThDHA A EIREMRICIBV T, ks
X OERE L & LB 2 HAlT Th D BB AL A A4 SR E M (ERER) CIX, SEALORAE
AN R TH 2 LW I BRBEICED M AT, BLEDEN TA A4 v 2R3 5 &0 )
MBI Z T35 A 4 WRWE 2 N EmE L CHWD Z & T, BUREMO B A BLUE
TXBHEEZ, VFULALAF L WEWE THHERY VY T LN ENEEMRIC HNZU F
U NERPWE O FER EMRZ BE - G L2 & 2 A, BEREMmOENMBERY VEEY T LDA
AU H OB KE SN T WD Z EAVRE Nz, EHIT, LV EEKESA e EEE
DEWFT RV TN, BV TL, AT NNIHISTELA T REHE L LTIV T
TN—HPREREL, ZhbEzRIELE, WTROEBEMIZE T B REM OB A
2 WIS E D EALIZHES, A F Wi E DL & [E AR B OB & VAEES (RP=0. 93)
NELNT, £ LT, EREMOENNE A A REWE OEBEMCTHET 52 L2k, [H
REMRZ W TEW BN L ENME & B HBMERGE O D 2 & NERITRI T,

SETIE, MLBECEBMAENNFROMEL L VE2ERL, aL 270 —LHIER LU
G REREN R ThH D 2 & 2 EFE LTz, BAAFHT XUIFEHAYITAE 5 0m EE 73 S i F
AR L2 W20, BRI T4 L TOWEEBRAER OILS - 0B MEmREOIZS
DEDOEEEZ T IWH SRS D, TE T, ISFET 2\ 7= pH 21k % I L= S 25
WA DOEEFE VDD o7 b DD, FEEHR OF)E T pH 2 BRRIE L D b/ S WISE &
ROHMENR DT, 7ok AEMESEME AT H FET & 2 HWT, pHIZE X TEEL
BIUCEMEZRET S22 & T, ZOREEMIE L, 2L A7 — LHEICBW TIEXT PG
fil (59. 2mV/HT) TR Y 2 5TV /M DINE %, SR EREIZB N TUTETLVRETH D
F A — LB IR U CEGRILE © DI 2157,

4TI, @EMAEISHE LTET MRS — MU FET 292 W TDNA DA 7Y
B A XBLOMMERISZ BEMRINT 5 2 & 2R, BEEMR ML DNA 2572 Mis Cid
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BT DHIENNEEDE ZIIEDE, A T VXA XL RKILT HHEETD DNA D
EAbE R T, G- F A —NEEEEIEHLINAZGT L5 T4 — N1 e/ I 7WTF A4 —15
TG L THEEMRT D 2 & T DNA BEAEEOHIE 21T > 72, —AEH DNA [EAE 2. 4nm D
BREMFIZHYT 5 6. 2m BIE COEENMEZIT oI & WA T U XA X8R ITEKRIL,
ZHUL EOBETIINRIFMR T L, (b L7zBEEbBE%Z FET B @M L, ~A
TVEARXBIOMERISIZ L DEMECEFR LIzE Z A, ZRE1-86mV, —60mV DFE
MEE ST, HEAELEELLENDX Y RV EETAEHWCTRLEEMELD 1/40
~1/20 THY, WRPOA AN K DT /31 BERRIC K o TEAZE(EBSIE Sz L HEE L
77

SETIX, VANAR -HIEOT X Mg T E LTA v E—F v AFHNE & B{LiEcE
MatlEE2ER L, AREREZAWVWEZY I a2l —va VKD FHEREBIEA D =X
LDBLEEAT, T AREE W FERENC X 2 JFELSERE & FE O 217> 72, A E
— & ZAFHAITCH, B NADRREHC L VSN A Z & CIRPUE D L0WRE EHIR T 5 Z &
Vial—va itk ghole, £, EMICHBEELZRITHZ L TRIBIICES LRWVWE
TSR AR L, 55E % 35%D MPUEIEINE T R T D Z ey hotz, EHITIE, 15
~35%DIEPTEHE I & U CREI O MARECEHZ L A2FGELT, AT, FAEREN R
HATRE 723 B A XD FIRZRD TERY, FASNE 1. TpF OBLK T 3 u m OB RA T
bDZEN oo Tz, BLETERFENE T, BLRETCWEOIEEREH LS
%2 & CEMRMENS I0MEERD TNy Iab—ya i anol, ERTE L
mOE—Z % 1OBEFMERD & L TRIBL, MIERBEE2EETD EE BIZ, /A AL~L
MH T AVAIZFE T 2 100nm OFRENTh > THRIMATRETH 5 L H#HEE LT,
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TE SBRORE

AL Y T EMmR L RIEE RO R HICB T 5 EBXRCFERISE AN TH DT

W, BRALTFEE Y OMERIINE ORGHIRE KFT D, AR O & Fim OB TR

Wd 2 &, 2BOA A WEWE % O T2 EIRA 4 VB IREMOE TlE, A A4 BRfE L
HEM O R EM AL E ST L7201, A OB TA A ZWEAET 5 L9

BafT 544 W E & N BRI Wz, 3 =BT BN o Et 3
DRFFETIL, B &R O R BN OEAL L U CEERKISEY T b DR IR T W & M
TH-DIC, SEMICBLE CHE L EEN LT, 4EDOIEE S — MNUFET £ 4% -
DNA & DL T, DNANA 7 U A B KO SUG % B O Fim B AL & LTH
2% 72012, &EMEREIZ DNA 2 EEb Lz, T72bbh, MBI & REEa e s
LT, ERFe oV ORECHEDFEEZM G555 2 &3, BRILTFE LV OWF5EIC
BWTEHELRD,

BRI UV ICB T DA EHE T OO —> & LT EI 328 5n b, Bk

Y IXEER O BHRB b RE /) 206 L2 BRI b F e v CTh b, BERITFFICERWEICX L
TEWIERMEEZG T 2RE08H D 0, X2 X7 Th 572D ENT e~ TR
WEL, FRBIZRLVIERERD, TNUODORKEMI 2N TENUX, B ¥Fax bz
T &, MBVRREIZ XV & T OAREDIAL N FREIC /2 5, MR Ch 5 B4R (&,
F4) e Bk @b => 7 v, B 2 Wi/ Lva—2te ORI TOhTE
V [86-89], ZAUMNEBLTIUIANE LIo KA EMoToBERE L0 155, BIEDOEATH
7REREY, BEESAKE W @BLOTZDICHERME LY bEWEEZFNT 2 L8R H 5) 2
k,%f ERTERMEDNMEN S L TH D, 2O K5 e MEHRR 217 5 Bh, K&l
AR E LEEREFREEOMIE EZSEIZT 508 E 0, iz, AFERICBWTE, U
FULAF U ZRERE VD RE RTTH ISR L TIThIL TV DA 4 U WEWE O % 5
BT LT, MEOSAE, RRESI AT 2R ER CKFE RO E S BT HD
NENEEZ D,

PR b ERT BT ORRBICFELGTLHMTH L, AR TH W FET B4
59 FCTHES BEKREIEZ AW THY, /N Kb RO M5y Bk [22]
X DNA —7 o [B5lIC b R Y BHNLINT WD, 20X 9 7 PERER T O
MIE LM b, 5K T vt X & AW 7o BN T80k & Bk o I iR 2 8l T
Db EDT VHNVEHEITAT A NV AMEE T, RERRTH D 7 A /LA (K 100nm)
M 0 Lum & RRBEOREZOEMEANVDILENDH DL, 20X REBEMBOIERIC
AT T AR ER WD EEBELTWD, £z, KiaL TH-o 727 u%#@&
JREEAIZAE B3 BRI A IZAKAT L 720 7o, BN TE AR & ORI PEIZ R W, A E ORI A

i
A0

%
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O DI ERREOHMEATHY, FIZIZTLV DRV METCOMBREICERTE S, %
7=, BB EBHELE D ZTT LAET DL T, 4 A=V FRLHEBELNATRE L 72
5, 3ETHIRARIZ LI, T L AALOEY A TBEICBRLA L T 5 [54],
ARFELORIE B W T, S RIOFIETIERE L o7 b DD, WEHORTLER
WML 220 Z L3 Z W, B2, MRBRAEZITOBIE, Bk Moo, migd
DSy ESINTT D, MERZ BT 2B OO L DICmER DA T2 HOWIAH V, Stz H
WIZEHI I NN EER E e 5720 Th D, —F, BERLFEAAM A UVIE, D
BEOHET IS X VAT 2 R LRI 2 2 & T&x 5, EEE, RO
A=Ak B WT, MEROGEHIAETH D, D, EXIbLFAAM ARV &
AW Z & THLEOABZRED L, v AT A2KE/ NICTE 2N TE 5, BXLF
NAF 'Y OIGHIZE W T, BiLEE TEE LY AT AORFD KT 20,
UEDX oIz, BRULFAAS A FOAGOREE LT, MEHL & R Btz
AWTHTE O PRt 2 JE8 L, S8 AREIT & SN T 2 AV C RO 7 LA
fbterHe L, BilEEZEDIEY AT LAELTT A AL TN ZERAH SN, 2
NOOHEMPER LTV 2T, Bk, mig—#Mnrd, eaty, Ko,
NI, BIsT, VANA, MEE - BEICET DL T AL A FERTE D,
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8 & (k) WFIEITILA
8. 1 A A WM E % T [E AR A A SR EE A
8.1.1 3K

A A VIRINEMBO TR H TR EEE K 8. 1ITRT,

# 8.1 FEY X |,

B

%
[
&

Calcium chloride

Calcium hexacyanoferrate(II)

Carbon coated lithium iron phosphate

Copper (IT) nitrate trihydrate

6, 6-Dibenzyl-14-crown—4

Dioctyl sebacate

Graphite powder (SFG6)

Tron(ITI) chloride

Lithium chloride

Magnesium nitrate

N, N-Dicyclohexyl-N’, N —dioctadecyl-3-oxapentanediamide

N-methylpyrrolidone

Nickel (IT) nitrate hexahydrate

Nitronium tetrafluoroborate

2-nitrophenyl octyl ether

Poly (vinyl chloride)

Polyvinylidene difluoride (Solef S5130)

Potassium chloride

Potassium hexacyanoferrate(I1)

Potassium hexacyanoferrate(I11)

Potassium sulfate

Potassium tetrakis (4—chlorophenyl)borate

Sodium chloride

Sodium hexacyanoferrate (I1)

Sodium sulfate

Sodium tetraphenyl borate

4-tert-Butylcalix[4] arene—tetraacetic acid tetraethyl ester

Tetrahydrofuran

Valinomycin

N[NNI NN ND]wlNdINdINDINDIND DN I~ DN

106



A—Hza—K: 1. MTT (Richmond, U.S.A), 2. Sigma—Aldrich (Missouri, U.S.A.), 3.
Solvay (Brussels, Belgium), 4. TIMCAL Graphite and Carbon (Bodio, Switzerland)

8. 1.2 A {EH
8.1.2.1 U F 7 ARIE I

BV Y F UL LFPIEXY F U LA A ORIEKIZ LV Li FeP0,D x 28 0~1 ORI TEAL
T 5, BWHRAIMMCELY x=0.5 £ 452 & T IC-SC-ISE TEWEBMEZEEN SN Z &N
WAE XN TV D [REF], ABFZETIE, x=0.5 & L7z b, ZOEEEZIKET 2 2 &2 BN
Li, ;FeP0, Z L 2MIC B L 7=, 10ml O T & b= b U WIZ B28 5 S H 70 10mmol AHY4
O LFP B3K (Li, [FeP0) &3k S, M(LAITH D 0.5M NOBF, 10ml ZiE FLTZ, 1K
MR L-Zic 7 b= MU LT 3EES L, 110C Tz S 7,

LFP % 440 L7 AR (LFP #EAR) [k D J71E TR L 72, Li, ;FeP04, Graphite, NMP |Z¥%Sfi#
L 7= PVdF % H & bt LFP: Graphite:PVdF=85:10:5 L 72 2 X 9 12z, &E VA P —TiE#H
LTR—=RX &G, £BEMTHDLT7 77 74 Fo— MIX—ZX M 90um OJEL TEAR
L, 60COA—7 > T—MEHEI T, EfE 10mm (ZTHkEMET L X2 T
1 X 10N/ em2 OJE ST A L7z,

VT 7 NHA A B RE (ISM) 1% 100mg PVC, 200mg NPOE, 3mg Li—ionophore, 2mg KTpClPB
Z 3ml THFIZEME L, B2 34mm DX R Y MLUTHEWTH b —Briz S TER L7, 44>
D 723D, EAE 6mm (ZFT B2 ISM % 10mM LiCl KIAHIC —BRiRIE L, FO%KEHRS
i,

U F v L RBEREBIZROTETER L 72, ISM O ;i 92 E 2 3mm (2F] B4k 72 LFP
AR A fE O THE THEE Lo, LFP SEARZ BE L 7ok A SME 6mm O E PVC /31 712K
B THF THE L, REMMEE = A L2 HWT ISM ICEE L7 LFP AR & EXnIcH:
fe S 72, X 8. VICEREMOEEN 2 ~7,

U 7 A IF-ISE 1L ISM % #1M2% 6mm O f5E PVC /A 7\ & THF CTHE L, N % 10mM
LiCl KRR Cli7= L THh 5 IRE & L CEREILEREMmZ 22 LIAATIERIL 7=,

Enameledwire LFPor PBAelectrode

L . ]
X«

A

. ul /. N
Terminal PVCpipe Carbonfiber ISM
B 8.1 FE{AEMOKIE.
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8.1.2.2 # U o AEINEM

YT BEWE LT T TSR PBA) TH D EEA~F T 8 ) T A
(K-FellCF), = A ~XH 7 2 §A Y 7 L K-NHCF), $~FH7 28D Y 7 L
(K-CuHCF) 1%, 8. 2IZFE L7z 2 DIEKNOIER LTz, T0COFANNRRAR LT T A
22 100mL O/KE HEfi L TR E, BB LIOBERMMLAZN G, XU AR T EHN
THAEWK 200ml 5% 2.5mL/min TRIRFIZH T~ L7z, BIEEICHESADMS D 4L, 13 b A7oibdh
(% 4000rpm O LIEEIC LV EI L, KBLOAY /—/LTK 2 RIS Lo RICHRES &
77

LFP & & [AEED FNET A PBA DEMAZER L, B U v A ISM(133mg PVC, 267mg DOS, 4mg
Valinomycin, Img KTpCIPB) Z4%% L, RO FIETH YV 7 LH 1C-SC-ISE Z#47=, BV ¥
2 TF-ISE b AR O FNETIERL L 72,

8.2 TN T U7 NV—FELURE R O VALK

HE L &% VIR 1 iR 2
K—FeHCF 50 mM K,[Fe(CN),] | 100 mM FeCl,
K-NiHCF 50 mM K,[Fe(CN),] | 100 mM Ni (NO,),
K-CuHCF 50 mM K;[Fe(CN),] | 100 mM Cu(NO,),
Na-NiHCF 50 mM Na,[Fe (CN),] | 100 mM Ni (NO,),
Ca-NiHCF 50 mM Ca,[Fe (CN),] | 100 mM Ni (NO,),

8.1.2.3 J kU 7 AR EE

FRU T AERE LZPBA TH D= F L ~FH T k) b U 7 A (Na-NilCF) % Table
2.2 12 LT 2 OB, RIEOFNETIERL 72, LFP B & D FIET Na-NiHCF
DOFEMAZVER L, J Y 7L ISM(100mg PVC, 200mg NPOE, 6mg Na-ionophore, 1. 4mg NaTFP)
A L, RO FIETH U 7 AH 1C-SC-ISE #4572, 7 b U o LM IF-ISE $ [FAEkOF
ECER L 72,

8.1.2.4 J1/L 7 LGB E M

AN BRI LT-PBA Th D= v F)u~FH 7 ) 82w A (Ca-NilICF) % Table
2.2 \ZFE L T2 2 MOWIRN G, FEROFNETIER L 72, LFP M & FERO FIET Ca-NiHCF
DB A AERLL, HL2 7 2 ISM(133mg PVC, 267mg NPOE, 4mg Ca—ionophore, 1. Img KTpC1PB)
AL, FEEOTFIETH V7 LA 1C-SC-ISE 2457=, B/ v LH IF-ISE b [FAEED T
ECERL 72,
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8. 1.3 EHRFEAM fi%
8.1.3.1 FEALEMN

T AU MBI Y ¥ 256 L<IXIMEEREY T 7 & (1 V) 7 KJREREOL) % FM5
WICTHE L= TNy 7 3 a URIGRIE(VERS I EMR (Orion™ 900200 Sure—Flow™,
Thermo Scientific) & H\ZFEAM L 7=\ ISE LiEHERZ AN, @ASIA v B —F v A BT
Zt (EMF-16 potentiometer, Lawson Labs, Inc.) CEBMZEEIL7Z, VIFT LA, F RV
UL, VUL, BT A ISE ORE S — T RIEIZIEE LR LiCL, NaCl, KC1, CaCl,
KA %, FERMEOMEIEIZIL 100 i LiCl, NaCl, KC1, NH,C1, Mg(NO,),, CaCl, /Ki&ik%
A=,

8. 1. 3.2 FEYI il 4 4y Foxask ik

HZ A IR U U 258 LI IMEERRY 7 5 (0 U 7 ARIEREOH) % SN
WICTRIHE LT FE TNV 7 2a CRIGRIVIRS IE IS L O A B & 223 L
72\ PBA FEAR EREHE Z AN, RT3 a A v b (BioLogic VWWP-3 Potentiostat,
Bio-Logic) T LI (10pA) (259 2 AL & 5F Al L 7=, #UBHIRIX, K-FeHCF,
K-NiHCF, K-CuHCF {Zi% 500 mM K,SO, %, Na-NiHCF {Zi% 500 mM Na,SO, %, Ca-NiHCF (Z
X 1 M CaCl, & v /=,

8. 2 FRILETTAENGHA T DR

8.2.1 3K

TR L7k O A2 % 8.3 1T, F7z, sERARoRalcx, 2Tkl
TELEE (Model WD500, ¥~ hEMFED) CRLE L 7=fiA 42K (182MQ-ecm L ) #fEH L 7=,

8.3 AIEU 2 |
A A =T —%
HiAb A U v 4 (KC1) Frofe it 2E
D ABEZIKFEH Y U A (KHPO,) Tt 8
D ABEKSE T N Y U A (Na,HPO,) Tl 58
#AbF B Y oL (NaCl) T
RERAKFET U 7 2 (NaHCO,) Fotifl 4
KE&{EF U &7 2 (NaOH) Foief R
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iz b U w7 A (Na,S0,) FotAd 3E
7 =1 2 ((\H,),S0,) Fsfeit 2E
KEE{F U & 2 (KOH) Sigma-Aldrich
Triton X-100 Sigma—Aldrich
11-t Rafv-1-7 7 B v FF—/ (11-HUT) Ak 7
11-7zu¥®=1-1-7 T FH—/L (11-FUT) EEs ==
TR ) —)L FotAd 3E
72 T A U T A (K[Fe (CN) () oA 3E
7z 7 Ak U 7 A (K,[Fe (CN) ) ot 3E
oL AT ua—)L Sigma—Aldrich
TR T—F Sigma-Aldrich
oL 2T u— Uik ERE Kipx A L
=aF T IRT T2 PX T AT R (NAD) Tl 8
OP/Carbamate JH|7EF v k KT T TR

8.2.2 fEfifi MmO IER

Bl FA—NORSEFRA LT, RPBILETHWE Ch 5 11-FUT % FET &% O4%E
MRIZ[E EL Lz, 11-FUT O=4 /) — R (100w M) IZ FET & o % 1 BRefliRE L, =% /
—/)LC 2 [EIEE LT,

8.2.3 FET & v %% 7~ iR {biZ LA ST

FET & o % & W2 BALEHANE, 8K T 2 —% T F 5 A ¥ (4155C, Agilent) & VT
ITo7c, WRTPOWEL, & — MINZEIELERS FEEM (RE-1B, BAS) Z##&f¢ L, FET &
ZPERRIIRIE LT2RIET R LA VB -7— MNEERMEZIE L,

T VT /T 2T ISR D EAOSE TIE, 100mM Fifg N U U AEETRAE
BE 10mM O 7= Vo7 y/ 720y 7 KEIR(Z =) o7 /7 xm o7 H=9999: 1,
999:1, 99:1, 9:1, 1:1, 1:9, 1:99, 1:999, 1:9999) Z HIE Ak & L CTHW =,

a L A7 u—VHlETIE, ZREmEHT5 FET B2z, 2 VA7 — LllE
MO, 2% Triton X-100, 4% 7 MG 7 /L7 2>, 38 mg/ml =2 L A5 1 —/LiKk#
B3, 2.3 mg/ml T HRT—F, 0.7 mg/ml of NAD, 60 M 7= U7 hh ) ThzsE
70 0.3M KU RMEERREME R (pHS. 5) & L7z, U~MIFIZaA VAT o—/LiEikzinL, o
AT 0 —/LIERE % 33, 58, 83, 133, 233 mg/dL & L7=&k 24 L7=, 2.5u L OFEHE &
Su L OFFEARA L 10 0506 ST D FET & % R F L CEMHIZIT- 72,
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8.2.4 7FNal L RAF T —FE H - IR E

T Fal) AT T —F (AChE) & H W= BERIE X, WOLERIE, FET kL Yic kb
HIE ST OP/Carbamate HITEX » M FHEORIEEZ AW 7-, HIES » M2IE, UTFORENS
FNTWVW5DH,

cHERANY 77—
ctkar ru— L (BT L)
Bty ha—L Gppb XA TV UEA)
- FR1L Al

- HoRn Al

- B#3 (AChE)

CHETRFLFAaY V)

- J& ¢4 A (DTNB)

- BB AE 1A

INOOREALDTOFRIET200u 1 Fa—T7HNIC TRIGSEF, B, RIGIE=EER 25C)
TITo 77,

HER N> 7 7 —50u 1 % %Eff

fatkm o bV E R s b= 10 1 AR - R

BEALAN 8 1 ZVRAN - R L 50 A v F 2 — |k,

HAIEI S 1 22U - L 5 01 ¥ a— |,

FESR 8 12U - #FRE L 15 31 % 2 ~— |,

R 8u 12U - Bk, FEEFISu 1 WM - WL 155901 > %2 <— |k, 1L,
FET & > 2 X D HE TIERAFNTAMETIT 15 54 »F 23—k,

FORGAs IEF 8 w1 2 ¥RIN « $EE,

WG E DY, BUSTRDWICEE AT bV 2 53 6 EERE (U-1800, HAANA T 7 /Y
— X)) THE L7z, FET &I K2 HE TITRE O J7ikE TRIEZIT -T2,

8.2.5 FET & > ¥ % H\ 7= T4 — AL &l 35

LB 11-FUT Z [E &k L 7= FET & > ¥ (11-FUT [EE AL FET 2> ) 2 HWC, 42V
VIREDOWEZIT o2, £, 11-FUT FEE  FET & F 2481k (0. 1M Fifg ) F Y o
2,0mM 7 = VST AbA Y 75, 0. 1M 7 =1 7 AL Y 7 AT 3 45REE L, 11-FUT
D7 =k FEOMGE TIREE —E ORI LTz, MK T, =7 — 7 r—% Lict,
HIEWR 10 p 1 Z2&EMm EIZHE L 5 2SS E, 11-FUT 07 = vk &2 HERTOF
Fa ) AREIR U2 720580 Uiz, UMUK TS LT, 0. 1M fitfe T~V ¥ LK
(2 LOFERIT eV L, 10ml 0. IMAREET R U o 2K T R LA V&L Z 1 FHIE T 60
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ORI E L7z, MIE#, 11-FUT [EE L FET o9 2B OWEHLIRICEE L, R—t o ¥F
> I CREREEIT o1,

R LA CEBHOPIEINTFER T A — & T F 7 4 ¥ (4155C, Agilent) & 7=, 10ml
0. IMAiEET b U 7 ZOKIEIRIC S BB (RE-1C, B —x—=x &) & 11-FUT [ E{k FET & > 9 %
HICREL, 777y arP2Rlb—2 (1940, = X = 7 [AEFHH 7 0 v 7)) TREEHK
IMHZO0. 2Vp-p Z E & L7 EHE Sy 0. 1V OEEEZSREMICEINL, LA v — Y —X[HE
(V) WV IZEBT D R LA B (1) Z8E Lz, BIELE RLA BT d 50 COflE
L7z VeIV ICBTF D7 — MEE— RbA B (V1) fifR2 S EMO RS I A L
77

AChE % AWz B IR EIZeNL - T, FA— LEW I3t 2 & FEME BN O R &%
TER U Tco TA— /UG E LT U CEEREENR M L7z 6-HHT Z2 JHV, JREEIE 10°~1073
FTMrBE & L, MEMRIERE, AChE % H\\ 7z R 3EHIE O 7= DIZHTHi O 7L TRIG S
W72 SR ZWE LTz, MERRVERA S ACKE Z 7= 3K IE £ CHIEICIX R —o 11-FUT
[ E AL FET & o ¥ & v 7=,

8.3 LK~ — RNAIFET o %% FHu 7= DNA & o

8.3.1 a3k

FEERIHEH Lo R O 2R 8.4 |7, F72, REEEOFARIZIL, & Tkl
1ELERE (Model WD500, ¥~ REMRHLD) CTRLER U 7- i1 4 27K (182MQ-cm L F) 25 L7~

< 8.4 Y 2 K.

I A =T —4
#ifbF ~ U o L (NaCl) Froltfl 36
g7 kU o A (NaSO,) T e
TF LT T T TR
KAk 71 U & 2 (KOH) Sigma-Aldrich
6-7 = vt =/L-1-~FH% > F 4 — L (6-FHT) Gkt ==
TH ) =) Frofefi 5E
INUZS Invitrogen
DNA X U A5 —+% 1, Klenow Fragment, EXO-, Cloned 7Fay
vay Sigma-Aldrich
TE5—¥ Sigma-Aldrich
FEfi~ 7 %> U A Sigma-Aldrich
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Dithiothreitol (DTT) Sigma—Aldrich

2" Depxyadenosine 5 —0—(1-Thiotriphosphate), Sodium | Amersham Biosciences

2" Deoxythymidine 5 -Thiotriphosphate, Sodium Amersham Biosciences
2" Deoxyguanosine 5 -Thiotriphosphate, Sodium Amersham Biosciences
2" Deoxycytidine 5 —-Thiotriphosphate, Sodium Amersham Biosciences
UYMIET VT X BT A F

8. 3.2 Al FH & A

DNA 7' 1 — 7 D4 F i ~O [EE{ & OE E (b DNA 71— 7 O — B R SUGS T ORI,
FAE L 723l e A L7z, FHIAEEMmIL, Si0,/Si 7o kIZ ARy ZUETHER
L7, #5ELE LT=y 7/ #il% 400nm, 7 1% 70nm 5 L7= B2, 100nm 04 fE
IR LT,

8. 3.3 [#HE(L DNA 7 = — 7 DAl

8.3.3.1 DNA 7' 2 — 7 D JE il

F 3 Al (Sephadex G-10, Amersham Bioscience) 7 7 A (C10/10 column, Amersham
Bioscience) ICFEIE L, W HIT T & UTe, FelEANIT 3. 62 25K 20mL OESEERK (10mM Tris—HCI,
pHT7. 2) |24 LR C 3 REATAGE L72121C, 49 10mL @ R4 5 EIZZH L, ki roa %
BV, L FTEANZ T T DD o< 0 LN OIMA T, 30nL OEBER %
2 BIjE LCH 7 2% Pk LT,

DNA 7'r1—7 (5" -HS— (CH,) (~CACATCACAGTTTTCACTT-3", ALDH2 iEfn+ & tHAHAYZRELH) 1,
WIHMR R TIHRAA T DFR LA B IET D 7o O RFEE N OWIRBETH 5, DNA 7 r—7 & LT
BT DI T ANV EIEH T 27 O OBREZIT O NER H D, BIREREIIRO
WIT-> 72, R#EEDOONWZ INA 7Y —7% TE /X v 77— (10mM Tris-HC1, ImM EDTA,
pH8. 0) T 100 u M IZFRBL L, FAHE L 72 ¥FIRICSE & O 80mM DIT AR A M %, 2R T 16 KEfHE
TCALER 2D 7o, SBITALERTE, VBT 20l I AR T v L, i L TRWERRY T A
(IR L TR A 1T o 72, DNA 7' — 773 R S5 500 1 L~1250 1 L D43 Z [A1UX L, DNA
HRDWIN ToH % 260nm DR 2 JIE LIREZ KT,

8.3.3.2 DNA 7 u —7 0 BEEA

&b FA—NOREGEFIML, TV FA—N HS-(CH,) 0H) 35 L ODNA 7' —7 %4
BMEmICEE L., TAD FA=LVORDEERE, TV TFA—NDTL ) —
JVESIR (ImW) |4 A 1 RERENRIE L CfT o7, 20 %, =% 7 — /L CHEIESE L, RO7%
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TN F A=V B R, DNA e —7 OREEIE, DNA 7 u—7 2u M & & e T
{b¥aHk (10mM Tris-HC1, 5mM Mg, pH7.2)IZ&®EM%A 1 FEfIRIE L TiTo 7o, ZOHMAKT
BB L7z, DNA 7 u—T7 OEEBEEZGIEH T 2720, INA v —7 L7 v o FF—
V7 1:2~1:100 DE/LLTRA L2k E W CEEILZIT 72, DNA 70— 7 O 2

WZEEL, TV FA—IVOREZZILS T, @EMORERFIT 1R/ & Lz,

8.3.3.3 A7 U v ALK A RUIZED DNA 71— 7Dt

e LI TN T A —=NVGFORE, TNV RERT TREBMZHIINT S Z L TEL
% BARALFERY R BUBEROS 1 K0 E Lz, 2 OBIBERES IR

Au—S—R +e” - Au+S —R 8.1

DEDCETOBIMEIEI 12D, BHEHC X TAELLIEREZMD 752 & T, BEkIH
TWETNAArFA—NVOERE RO, BROBESEALQIC], TAN e EN,
[molecule/mol], 77 7 7 —iE#%F[C/mol], MM FEAAlcn®] & T, @M OEEL
BT [molecule/cm?] %,

P 8.2

FA

TR 72, 0. 5MAKERL A U w7 DKIEWRIZHIE T 5 EMAEHEMmE LT, H4eEMR BAS )
X[ EMmE LT, RIS EMR (RE-1C, BASED) 22 EME L THREL, AT =
A& > (ALS 611B, BAS #4) 2 FHUWNT-0. I~-1. 4V DX % 0. 1V/s O¥s| W EE THIE LT,

8.3.3.4 EWFRNiEE R Wi — M RIS

EEAL L DNA 70 —F~DFX—%4 > h DNA DA TV Z A= g 0%, — I HE
BOSZ EFETHRINT 2 2 & THRBEE1To7c, ZOHIEETZ—5 v ~ DNA O T
O Z 59, m—7 DNA &g T U H A XU EICDOBISHE E 2R INMED
WHIE FIETH 5,

(a) ROt B A 1

EEBERPICEEND Er ) VBITEMHCE AL DD WY R LERH H, £ T,
HEBEAICE 7 A AT 7 2 —EBRIZLOEr Y CBESR L, 7507 5 (NAP-5
column, Amersham Biosciences) TH{Y &RV 7=,

FE PR (50mM dNTP)50uL R T7 4 A7 7 X —BRiK U/ n )10y L &y 7 7 —IR
% (100mM Tris—fElg, 5mM Mg, 0.5mM EDTA, InM DTT, pH7.75)440ul ZIEA L T=ILT 5
SISO STz, 10mL Dy 77— CHEMHb Lo 7V Al T T DT ROGE K 500 1 L %
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WL, D%y 7 57—V 20l Z BTN L, I HHR 1. 3~2. OmL o SCHEjZ B L 72,
X L7z m U e bR U7z WEEIR 2 LT O R CIEEH L7,
(b) [ EAL DNA 7" 1 — 7 % e — S R s
DNA 'u— 7 ZEE L I=&EMA ¥ —7 v b DNA OFHR (3.65 1M, 200 L, M KA
5" ~GCATACACTA AAGTGAAAAC TGTGAGTGTG-3" )IZiRIE L, 50C3050ThA T U XA E— 3 v
SHT, TOHAKB LTS, "N TV EALE =33y 77— (10nM Tris-HCI, 5mMMeg,
pH7. 2) TYEH (3 /iR {EA 218]) L7z,
—HEMEORITHE X, ~A TV EA B =g &2iTo 7248 23 SR (100m
Tris—fFfE, pH7.75, 0.5mM EDTA, 5mM Mg, 0.1% 7> iMfi&E7 /L7 3>, 1mM DIT, 0.2U0/pL
DNARY AL F—+F, 1.0U0/mL ATP sulfurilase, 2mg/mL Luciferase)8u L ZM:H L T3t
e HHAEE (B tHes A B A U BDREF A58, RE357, Efadks b =2 ) TillZ{T 72,
RS E D OH LB - BIEA IR (C2719, AR h=27 ) B AD =33 —
% (ADC-16, Picotech) TIHIE L 7=,

8.3.4 FET & > T X % DNA 5+

DNA 7' — 7 [EE(L FET & > YD 7 — NEIEIC KT 5B - BIEFFEORE L, 8K
T A=K TFF A ¥ (4155C, Agilent) M\ THr- 7o, WKFTOREZ, 7 — MANCERE
LIRS MR RE-1B, BAS) Z#efi L, A7 VXA EB—2 a2y 77 —(10mM Tris-HCl,
5mM Mg, pH7.2)HF CTiro7z, FET R HE2HWEHED AN TV AL B - a v BLUOE
B, FEIGEH OGS & RRRD & TIT o 72,

8.4 7V L NFHETR YA A AL Y

8.4.1 AIRERIEL AW TR /N AR fEAT

ARSI 2L —va L DR OB NERRO R LB L O g T R O T
i, AIRERERITY 7 SO ANSYS & iz, RIRESMITICB O TIE, K, ),
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