L Ky 7 Zong Ra Z i 7 L a2 — R EMBO

BERIRREHZ B 258

20214 2H



RNV NE S AL s S £

PTG A A A B
S B R A TR TR

~

it (T

L Ry 7 2N Rua A AEE 7 L 2 — R EBRRO

BERYERFHCEE T D AF%E

HHOER
JCHBE LA T v 7T

2Ll s e R IS ) R = I VA



Ve

HX
B L EE B oo erereser ettt ettt e st et et et e st e b e b e b e b e b e b e b e eheebe b e b e b e eheeaeebeebeebeebeebeebeeseeaeeneereereereeneas 4
oL BT B R s 5
1-2 0 N A FBRBFEE I D TE T oottt ettt eaeereene e 7
L-2-1 FARZR o s 7
1-2-2 RPN oo s 8
1-2-3 RIS e 9
1-3 BER L VT = DFEI oottt ettt ereereene e 10
1o3- ] BRI ¥ ettt ettt ettt e et ete e e ae et e ete et e areenren 10
1-3-2 ZEDRAE ¥/ B 10
1o3m8 I ¥ ettt ettt ettt e et et et e et eete et e eteeteaaeenten 11
1-4 FERBIREREELT D EETR oo 11
To41 FBHIR ottt ettt ettt e ae et e eae et e et e teeateete et eete et enteeateateenten 11
1-4-1-1 MR - MRHEIRZBM 0 H =RV 7 8 A e 12
1-4-1-2 B - RHEIRTEM 0 77— 30 ¥ e 12
1-4-1-3 MR - MEHEIRIRIE 1 X 0 = ¥ e 13
1-4-1-4 BHRFEM 0 =R Y F 7 F 2= T(CONT) s 13
1-4-1-5 BIRFM 1 79 F 2V 7797 (KB) oo 13
1-4-1-6  BRFEM : MgO SRR (MEOC) oo, 13
1-4-1-7 77 7 2V F 7 27 B i 14
T-4-2 BRI oottt ettt ettt ettt ettt e te et teeaeeteeteeaeereereeteeaeeaeeneas 14
) B e s OO 15
1-4-3-1 LB 0 7 R TR U 0 ettt ettt ettt ettt e e te et eteeaean 16
L4732 7 VB ettt ettt ettt ettt e et e eteeaens 17
1o4-3-3 7 2 7 F T 2 oottt ettt ettt ettt 17
R R = PP 17
T-4-4 BRI ..o 18
To4-5 BEESR oottt ettt ettt ettt ettt et e beeaeete et e eteeteeteeaeeaeeseeseereeteeteeseeaeereas 18
1-4-5-1 7’0 a2 — ZMBIUIEESE ¢ GOX (GlUCOSE OXIAASE) ceeveeeeeeeeeeeeeeeeeeeeeeeeeeeeeeereeeeeeereeeeeseraeees 19
1-4-5-2 7’ v a2 — 2 K F#F%E © PQQ-GDH(pyrroloquinoline quinone dependent glucose
AENYATOZENASE) ...evvieieiiieeetieeete ettt ettt et ettt et ettt et et ettt et as et e st eaens 19
1-4-5-3 7' a— 2 i/kFEEFE : FAD-GDH (Flavin Adenine Dinucleotide dependent Glucose
DENYATOZENASE) ..ovvivivieietieeeeteeetet ettt ettt ettt ettt ettt ettt e et st ettt et ae et e nens 20
1-4-5-4 ##ifi#3% : FAD(flavin adenine dinucleotide) ... eeeeeeeeeee oo 20
1-4-5-5 #fil#3E : PQQ(pyrroloquinoline qUINONE) .......c.ceeveueevieveuieieierieeeseereeere et eve e eve e 21

23 MgOC Z#EME L L, 7 v a— 2@t (GOx) ZHL7ZL Fy 7 24 Fusr Ay
v a — AR B O FHERFHT 3 X VB E AR DB~ DREED I e 22

2



2] BB B ettt ettt ettt aetes 23
252 TR TTTE oottt anaes 24
2-2-1 B AL B DIVERL ..ottt ettt ettt enne 24
2722 N A R B T BRI oottt ettt te e e e enaeens 24

2-3 LFLUEEM & AR D AR T D LI oo 25
2-4 LU EM L FAERE D FEHIZETETED HEL v 28
2-5 U EN & SEHER D R HAZTENED HIE oo 30
2:6 GOx A4 FaZ VBRI T 2T SF VDR e 31
2-7 GOx{&fiinA4 FuZ VEMOMBERMEE 7 =4 v R 7~ A ZZ =R e, 35
2-8 AFAVOREL AL PO T OVEERROAIEFE T ..o oo 40
2-9 GOx{EffiA Fu X VEMOMBEERIEE HFA YR T7 <A ZZ =R e, 41
210 E e vveveeeeeeee ettt ettt ettt et e et et n et e et s na e enraneenans 43
# 3% FAD-GDH Zflif L 72 A4 F a7 VB~ OB ERE DORZE DI e, 45
KT 3= OSSOSO 46
R <3 5 OO OO 46
3-2-1 S ALBEMEBIBERLDEEL. ..oooooooeeeeeeeeeeeeeee ettt s s naeees 46
3722 N A R T T IR ettt e e s 46

3-3 (d)FAD-GDH "4 F a7 VERICHT T 2 7 S ¥V DR s 46
3-4 (d)FAD-GDH i~ 4 Fu 7r VEMOMBEERIEE &7 <A A X —FF i 51
3-5 FAD-GDH &ffir~ A N 1 7 V- PARERRD RIAZEPERTAM ..o 53
3-6 FAD-GDH &fifir~n4 F a7 A% fUE BB O BHAZRTEERTTAM ..o 55
R = SO 56
FaE ROBLETEMNEZET L Fy 2 AR ) ~—%2HWz 70 a— ABRLEMOERL ... 57
<= OO O OO 58
A <3 s OO 59
4-2-1 B AUVEAEIEERE D VEBL .o.oeeeeeeeeeeeee ettt n e enee 59
B-2-2 N A E T T TUAB RN e et e e e e 59

4-3  polymer IT &ffi~ A F o 7 VB DFFHETI ......ooovvi 60
4-4 3FEHEOL Py 27 ZAKY = —%EHi L7z GOx ~ A4 F o7 B/ % LB D L ... 64
4-5 FAD-GDH {EHHFEME D EFTERA ...v.voveeeeeeeeeeeeeeeeeeee et 66
BB FE T oveeeeeeeeeee ettt ettt ettt ettt ettt et a et e ettt e e eanaes 69
B D B A B oottt ettt ettt sttt en e 70
FEME TR <ottt ettt ettt ettt et a et ettt et a et et e s et et ae st eae et et eae s et ese et et eant et eae et ereanretas 73
FEFEY R B ettt ettt ettt st a et en e 77
BT ettt ettt ettt ettt et et et e et sttt et et et et et aean et et et et et eanananas 79



i

il

all]

H

pls

=1

iy

T



1T WS

1 1 Ejl:g'{:‘;ﬂﬁﬁ.
ﬁﬁ%&%%kmiD@%%ﬁ®ﬁ@ﬁé%ﬁ%ﬁkﬁb\«wx77ﬁ%®ﬁy%XﬁMka
W5, F72 10T (internet of things) iDL ic VT I I NIEEER - AR — X DINE L

mm’:&ﬂ’} T AL EE o T34, ToT {t&:@w%&%ﬁwﬁ iD—>2 & L CEROMELH
o %L D IoT HaRIT—EU Lo 2 LEMIGCTE 2BRLZHEE L CHFEINTEY, VF VLA
B ZANF ==X T 4 VIHEMPEH I N TS, BEFED ) F v o4 F Bt RETE
@%Zﬂﬁz{?—li# mAEEE LTHEHINTEY, TR KOBNEDH D, 2T, BEEREFREEFHL -2
BAERY 57 444 @&t [1PEBESTO [oT ®MERFICHAEIN TS, TALF— =2 T 4

v 7R, Ao H ZRFIAONERIRE), Bhl oI AAF—EIEHAT AL WIMATH Y., KG

B2z OREL R D, TANF— =T 4 VY IEi %o 72~V Z 7T 10T OflICiE, IR
BEXRAL 72 THACHREST 2 HHH] [2]%, 7V 3o I KB EERE L - isEigshr 5
— L4 Bl EPREFEINTNS

AFEG CRETEWE B L, BRrEmfilde L, (LEWoltEz 4 ¥ — 2 EBXUCEH
T34 FREIEM (Biofuelcel, BFC) b T AL F — " —RZARX—D—D L WZ B, i, Zra—=x -
%Mo BFC 13, A LX %K, Zat, HAtoScEMEEZAE L TEY, BAKHES ST
5, ERMEZERL T2 &SR O, FEiRELE - i pH WO RECHrARECRET L
BTE, 7T 7 TNANT AL ZREENHAMERD [oT EiRe LTHIfFEh 5, 58 - Zffi - i
AIREZRBRIRIC DL WM [4] & 2%, EFE TR, KATOMELZI Y AL 2L e 7 v a — X iELE
EMHAEDE, mWem? LA DEH N 2K T 2 BCFItoWwTh i En T3 [5], 512 BFC
DIEHEEMIT, 2 OHNBBEDREICKIFT 27-0ic, HhrbZzoREEXFHITs b TE, H
CEER L v — & L TFERO~AV R T T B COMRACIEH b Eim I T 2, I+ v 9 — %4l
3L, EBFERFEA(DF) o R IC LI H R OB A AR 250 TE Y, 2019 i
RIS B W COREIRIFEE D 4 8 6,300 T A% L2 Z &L & o Tv b, IMFEEE FRICK T
FHHCE 2iMbER vy —iF, Zva—RBBLEMIC X > Clif o7 va—2 %5l $ 5, MR GEHRA
AT EBRICEEZAIMT 2 &, st v a—2 %@L, W3 EFRE» b7 v a—
AE RN T 22 LBHRETH B, Lo LEHFICERIM - WEZ T 24ETHY, HXDEFOAH
IR E Vv, S5 BN P X 3 BEFRAG BE © QOL(Quality Of Life) oAl % HAY & LT, Ikt v
#— & BFC Zfflad b, KIELARKICH VIR CHRET 2 HOHEIR £ v 4 — [6]. AMRHLAT <
A Z~DIGH [TIOFRHFERI N TE 72,

BFC oS ftictand Cld, il 2 BRI ICEE X425 2 BB HLE R Y »22KARE LT
D/NT X - REEDIR T D 2 DOEE R T 2 0 EHH 5, BECOT /7 —F (Al & LTHHIN
570 a—ABLEmREFICET 2 &, Hhor icrd i, &ENRED 20 KIGEMN% afilic >
7 X5, MR OFmEREMAET 5. BE-EMEOETREMEL N L5, ZRITWRE
MHEORRIC L WV REDBREZER LICHEE S e hom E2K 5, L woErInTE 7z,
N a— A& WAt T 5 R OEETALIIBERNTICHE T 5 T b 720, R L EMmEOE %@E%%f
—FFE AT 4z —2 L LCEIBLETYE 25 MET ! (Mediated Electron Transfer) &
RN/ ONTE, $72, BERORPMME Y- ) OHEFE 2L T2 0, WRKEME (8], 7 v F
v 77y 7 (KB) [9]5kk4 e iREMELHFIH X T & 7=, A & 13 MgO 8% fLE kR (MgOC)
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Figure 1-1 : Mediated electron transfer

YL L E i, s & FAD fikfftE 7 v a— 27 e Fr s —+« (FAD-GDH) %4
A7 MET BRI C 100 mA cm2 O EFE % ZER L 7= [10],

TN —RBALT / — FOREWDIR I, BRERAHOIRCLEN L, R AT 4 T — X DEMH
b OHERRK TH 2%\, Z D7D IO B 2BEROFIEC. R - AT 1 = — X OEM
F~o[EEIC X B HREDSE T T E 72, 2019 FF£ITHTILS X b #if5 & - FAD-GDH & %/ v
BDRAT 4 T — R BRBEBM IR X472 BFC 12 2 mW cm? D E B EE 2 E L 7228, %
Rifg 72 2 74 T— 2 DRBIC X 2N OE TGS LT3 [5]l, BERBIUAT 4 T— X %ML
ICHRENCEE e 3 ke LT, MR AT 4 —2 & L@ &BE#EEAHMLZR ) ~— (L F
vy ARY~—) BFEBHRICLVEEL. ~4 Ferre LCEBECEET 2 7E2H 5 [11], 2o
FiEx 1990 4RI AHeller 512 X W (ARNEEDIABT 7 v a— 2k v —~GHT 5 72D ICBHFE I 1,
HATECi3 2 A o HEHE 2 FTREIC T 2 AR v — & LTl vz [12], ~4 F e
TG, R L MROMERCAMEEZ A L vz PEIEXoBlRcbEL T 5,
NA Far AR EEHE R T 2 EcHENAEEETH 52— T, WIERRTOEME 7 &
M4 e AT OB L% T 5 [11], HoALREH€ v — & L COMMAOBRICIE, EfRITEETH 2
7=, BFE. pH 7 EAMEEREEIC X 284 ¥ S ARt ZEB I3 7w, —F. BFC & L CoJEH
E 2T, MR ZEREE L CERAT 258 E SN, ZofofECREOFE L K
¥ ZTLREEDR D 5, T iom Ricmid, BICER LICERE G TIRAT 4 = — X 2 mEE
PSR 2R ERH 5, DX ) RIFAHBREICE T 24 F o7 UEMIER O 8B 3 2 115812
INFTIREALERINT I A oTz, T, BilEN4 FurrottiEr s & B30 ickitd 2
CeT, BEEE A LI b AERICAR S LA NG,

KRFFX TN Farfbrra — 2B b EMEHE T —~ & LTV . 5 1 BECkiRA < IR
B LT, BFC - N4 4% v —DiGHfe, BREMEZHEEST 2ERICOVWTE LT 5, H 2 &EL
Beix, REVE - B4 F v OBl wo FEOBIN O 2 a — XBLEMO SEREEHC B 9
LIRS 3 5,
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Figure 1-2: Examples of using BFC
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bEsEicky), HEMAA Xy —%BFK L% [6], ALOTFEM - 72 5RIC CHABOBRE ICL
flL 7= (}lﬁu%ﬁﬁu L.BFCtLTizl6mW #H1L7=, 2D BFC o JI3FEL v —%2EHhx & 3

DIt Thotz, £/lravix s bL v X e BFC 2ilA A b 72EEBPHEIL KD Kusama b
X oTithbirz [13], —fMica vy 227 b L v XEEFEOHICIIAKRD 2 13T DR EoihlE D 7%

(L KRG OFEEICENza Yy 227 P LY XDOKMD HIKFBEFEL, RENMEI &, ZOFRET 7
AT A DIERDFEFREI NS, Kusama Hlda v 27 b L v XNIC TERRER] #2REXEL LT,
PRIBDORRESEDL B 5 2 & HHKAEL 7z, BRIRGEIITBABICHE> THEL WO EZIE L, ~4 7 8t
FIcE T 2K A CICHHIN TS, ZOHCREa Y227 LYy X BRI T N4 R & L CBRE) X
&5, VX7 LY ADO ETICREMBZEM L CBBLL, 7127 F—2PikERHEEZEE L) L
EVAF XX EWIE XY BFC 2Lz, AT ANA AL LTOAY =PIV X7 FLYRICK
> T NI4T A DEMBARF TN 27217 T <. HEDIRBUHIE L IRBK % 3 72 3AM T H 2 FK O PEH
PRI X B IRERIE 7 L8k 2 ZiEFH O A[ReE R E 2 b b, R TOMHOBRICIZ LFLo 26l X 51
BRI - R EOWRICR > TWBRIRETH L2 b, BEHR - AT 4 T— X DB~ DEELAH &
HET 5,
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ARSI CTEREE 7 vy 778 & MRINNEL R 2 REBOBEIIR—A XA - —% oAt &
KXo T—EDY XL TEXPMZ XY, Bz —EICLT»b, X=X —H—DEMmDHEMIL 5 F
220 10 FETH Y, EWRRE MDD FIN BB E L 725, $ANODERICK L TFRDER
REDIERPIE 2 5—F v VIREF IR L T, JRIRE & 2 I ELRME 5 2 2 2B 2 oAl
T & T ORERE W Z 2 MG RIEEE TN T B IMZE R IRERE L HP IR R 7 & SRR 70
TR LR - BRSO WRA AL, BICHII BRI E G 2 5 2 LT X ) T 2 HHEH
WOEE L DY, CHO b EMICESNME 5 2 20 AARFEEEE LA FH I L TWE, 2DXHIC
ﬁezz I ERES B CHEE D QOL (Quality Of Life) % kX4 3 720 DM AREENSBFK TN T2
. BEEREEREN X 2 2 720 DB O L V) HICIRENN B SIAALERY) F v LNy T —%
%:FH LCOWBEEERRITE A ETH S, BFC I3 Z DIRZCREEIREEC /v a — ARMHE & v o 4R
’éiné%g%ﬁﬂkbf%$<%5%@#6 ARHLGAREERFH O KRB & L i s hTw
%, ROBCIE, EEICHZ Y L) 23X i BFC #H0iAL, KIRICEEN2WHE CORE &R
Ta%ﬁﬁﬁbn1m5ﬁhmmma6@ﬁﬂyAJ%ﬁot%%@i:ﬁﬂyA)® IR A L
RiIcEEINE I a—R e BEEF > T, BrA LD THRET L L 2R L7 [7], Zebda &
DF R I DFIEIC BFC 2D ADERICE TS 2 rva — 20 BEDBETTIC X W RET 2EM
v, 38.7TuW ZH A L72, ¥ oiIccoBEiAE LED 74 b - L, b0 b EHix 23
e ERMER L [14], ANTHIHT 21CH 72> THIMR AR EDRND B ZRHIC T L INT WS 720,
PR« AT 4 T— X I ITEMREICEBENICEE SN T E4E23H 5, Heller 1 7Tpm DA —F v 7 7 4
N—mBHHELE LTHO, MM P fbiBick o TSR - AT 42— 2 %EE T3 2 & vl BFC
EREEL -, ABIIMA R vy —%2 8030+ 4.3 gW o Z#ERR L 7= [15],

Figure 1-2-2: Implanted biofuel cell operating in a living snail [7]
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T2y 7B BCF 2BF L. v+ — 2= VIicon T & CHERFELREIL 72 [16], MacVittie 5
BARICE>CTOBAL Yy VICBRERIL, ALYV IcGEhs s ra—2 - 747 b —2ATHRET S
BFC # {8 L 7= [17],
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Figure 1-2-3: MP3 powered by biofuel cell [16]
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DA[RETH 5, B E 70 2 FER T EERREEASVR b2 VY —IC#EL TH Y, E R ZEYIC
EIRT 2L A RYED 2 v —L LTHWS Z ERTE S, 22Tk, BEEmBO vy —L L
TOJGABNCOWT, BREHIE - AFRHE - BaEAYOMED 3 > DD bFNT 5,

0 BT Y-
: @ ° BODE>U—  KOBNEERTIREOBODEUT NS LT
P - RLATLTERES Y~ Svo )\ REREORRME ORI
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- EINESEEES O — 1 IBECTRADRREB DI E BRI

-

-

m Rmaf/mt Y-
Figure 1-3: Examples of using enzyme sensor

1-3-1 BEevy—

[ WFSE RS I A PE SRR A TFERT (BERATE) T, BEEIC\ 5 & ¥ 100 & Of 5 LT 7 5] % 2
TFL oy Iy RIERRDOERD—D L B RALTATE PR T 2 v H—Ic, sALTATE
R SEEE & BRI L L CHlA A D7 F 2 v F— DT LTV B, BT L kD b
LT LT e R EoFEYEREH Y v — DR Z1T - TE ZMIIFERIFEATIE, AV R—F 22
H AL % BRI L 72> TR REE A LE L, MU CEEREL RV LT AT POy
Y =T N4 ZOFEFNC AT 7 R FETE 2T o T & 72 [18],

1-3-2 &k vi—

BER v v —oFH e Ltk pH - ik - W CIEBI T 2 5580 &, (KK - RN coffAIC#E L
T3 EEZLNTWS, —J7 TR B O MUBEE 2 & 2 191 B 2 b E CElERS & LTl 1970 4
RDOBAFE YW > & 7N a — ZBUKFEBEESHIH & T/, IifE A CRlE S, s 20l L X
ZOMAAEHICE Y AL C L CMPEZIE T2 2T 4L R>TWwd, 20720, HERRHEIED
BHICEL2BE DS, COBRFOAHZBRRE L0, FicadIng 7 a— X CIbHE 2 &5
T2 2777k —DfF - A fThbh T3 [19], %72 2017 i3 7 v bk X 0 fbE
iR 14 HE OEFEE 2 TR R ¢ v 9 — 2SR S e, BEREEEITIEAA Fu s ik
FHEINTHEY, Ly 7 2R ~=—icid Os $EABFIH T T3 [20],

AT EINIAMBEYE=2 ) v /T3 Lk, AFR—VAEREICEWTOEETH S [21], £
RN TIEIFEL B O RIC X D AL X — %[ 208, AT Z OO ROBRECIES N5, EEhEE
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2 e LREOFIAREE Y. FRKRTH 2IEBMESCND X 51k 5, MIRSFLEEZ PEH T 23 X
Db, FWEEEET 2D L] o 72RO % FLERIME & W55, FLBERIEICET 2 &, MInEL Ro 7k
D, HRICHEAZR L2V T2, VT 77T AL RICKVABBELZHTS 2 Lt EHBo A i
FORFMEZHI 2 L Vo BRI TR ICHAHTH 2, A F LA —¥E2 7 zn v 2L Fy 2
ARY ~v— e HcEMR EICEE L ZBERD AL F 2 v =D B TDOR TS [22],

1-3-3 it v¥—

B OEERECO AN A2 v —IZEH O RS H 2, HIZ X, ERTREICE T, vy vk
FHET 2 AAA AR VY =13, TOFVEFETL-0CEETH L, EAEVBIEIAFTHEREL LT
PECTIIRRELINDE T2 TAT e FOERERWE CTH 2, H®WHE, FiEd L EEOHTH
KD D ABICT AT — N EZRMNT 20, Tra—LiRRCERICEENBEEOFERICIY e
VIEIXT 2 b T AT e FICEHIINDG, 20720, TAa— RO e v v EERE XD 7R3 ) 23
<L L14mM & TR Tw 3, —fRIVICEANE VERDOIRE Z I 2 7- D I IZBERIEA DN TEY, 20
G O - BRI A D 5, MTEICEVTHHEIEICIR 10 SoBIA 220, 2 EBMNIC
HIE T % 290 ClE, Eifia R - O HEE - EIRM S0 TH Y| BHNRTFIEL &
5 ilBHGE I ERMEICR T 2 L o 2R D o 7o, BES T E LY VEEA F U X =K R, 90 BT
ERNLHENTE 3T AR—FITANSL v F—DIFRICE -7 [23],

1-4 BREBZERIT 2ER
BRI IR - BER - A7 4 =— & - BRRLD HELY . MEBNIC 35\ IR R IRVET % 8 S B il
METH D, T CIIBHREEMEMEET 2ELRICOVTHENT 5,
1-4-1 B
ERR
AR

A4 IT—H—
/3 5]

=3

Figure 1-4: Construction of enzyme electrode

BFC 34 4 v % — ORI BT, Ll CEEM - ALENLEEICEN TV 5 & v ) Rl 5
REMEI DB REE LCHHENS 2 & 23% W, BFC & Lot oA ety —& LTORES
M EXeg27201ciE, XVLOBRLEM LICHIEMT 2LERD L, ZD720F 7 27— LDl
LEE T IRFEMEICH —FR v F /) Fa—7 KBRS % ZRITHICKFEEM LicEE L., &5
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Y7 OFEEHE LML THARTHONL TV S, ASECHA X W3 EMMEHIC oW, TidT
BN T 5,

1-4-1-1 % - BRMEREBM : h—FK v 27uvx
Ny EARFA DR = A4 4

LD S IREF
(ZOFFEEEULTHA) (BEIEEIEEHRICIZMLTHA)

-D—Tﬁ‘/’)uz : H—R>F/F2—T(CNT)
O TYFITSW

AT = ERy L

ﬁb_’—ﬁ‘//\"—/\"— ZETRN D B R FRALF
&

d‘/ A XML BT

)y F—R—)(—

CNTOREA DG DS T 7 A Nk

Figure 1-4-1: Carbon material for electrode

N —R v ra RiE, FER AR & BVLEE U RAL U 72 R SBAE O i R 0 O 70 2 BEMUIRI T H B,
N =R BROREE R B OO, Wi TH 2 - 0T H Y . % DWHER DWEIE 2> & 77 ALY
WEHLEMTHE, NORHEH AL 2727 7 7AF A4 2L LCOIGHZEE L 2B, 7 —F
vaADX) T oNE, TR TAGRFEMBEL T b, FLSIE A —K v 7 o X & B E
ELTHG, B 7 53 —< v REHET S BFC 2{EK L7 [5], Ebich—F v 27 v 2DRMICHK
FME BT 2 2 LT3R ARABEERS S, BRoBMigLECT LR TE S, Hldik
WALV 4 XA E 3 MO PHRES H—+F v 7 v 2B L BFC 25 L7, » Y — F ofE
BTk, ZRT2»OBREZIHTE 2 W ALHEEmREZBE L., FHICEBKEEZR-E 27201C
PTFE (KV 7 77 0Fd0F L) 8L, KEBETIEA Y — FEICHRAHT 15mA cm2, 7
J — Ffl© 150 mA cm?2, Eithe LTIz 2 mW ecm?2 o2& L7z, £7- Handa 5137/ — Fic 4
M OMRZFIH L7 BCF /3 2 Rc, REMMELZ SEEICH b ArHvbe CiET 2 —Krv 7
oAt BRI LTEIL [24], A=Ky 7oA b H—FK v 2oz eERRIC, 7 AIEEERm L
LCEHTE 25, MRAEE. m0EREEE, It Bz &R e h, Sk L
T EN/, BFC & LT, 290 mAcm? o1 %ZERKL 7=,

1-4-1-2 R - MRMEIREM : H—F v R—r¥—
HN=RYR=N—FRFTTEL=A 70T 7 AN %oy — P LdDTH Y, MREEMR
FCl3 ) v ERRRRIE it A 2 TR R b 0 B EEA & L. ToiREMALI RT3 EMTH
5, RERD =Ky 7oz eFKORY (BREEENE., SRIE, MEXRENE. et 232800
b3, Ivnitski HIFLILELRERTEEEZH T —FRy—"—2 BB L L, 2D LT%EH—FK
VI Fa—TRERIRDLLICHINLT [25], —T T AR v == 3 HEM L L TIREHKD X
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IRDDHEL L, MIFELINTLEILD, V=T F77AT AL RELTEAMETH S,

1-4-1-3 X - FRHEIREHS : Sy F ——v—

Y F RN L 3RV F ) Fa— T (CNT) ZHEDTT7 AL LRICL 72 DRIET, CNT 20
IR I NS -0, SRS - BE - SEREENE - SRR ERERCOWE A L. MEFHE
EvTL 7 buo 2 E~DIGHBHFE T3, BFC ¥ ClE. Guven HIC XV IMFICE TN
27 0a—RLEETHRET S BCF oEMmkE e LCFIH I NE [26], DET B oE B8 % FH 4
27-0, BGMEIE LTS CNT 255 Ny F—_— =% L, EHPNAL L0 — R X
D HEWVEERBEICEWTAT 4 T =23 & D 16.12pum ecm2 O Z{ERE L 72,

1-4-1-4 BpRFEM : H—F v F /7 F2—7(CNT)

Lv 53, SRR EE & B ORMEE TH 2 FRE 2\ vwer o — 224K X ¢, %8 CNT
AL DOE L 2L TRBICEL (K X F 2aBBoERLICH Y #LA 7 [27], BEhic CNT & Filg
W 2R 4 6 HREREH T 2 2 Lic X b, FEREIC X WV BRI N7 rm — 2L CNT ZigE 47,
Z D%, ZOREV OEFER & FHE 2 I FREEME L7, BiniEiEs SEM | T% Lk
5, MBI A Y b7 — 2SO - SHERERETH B 2 L AMREI N, BBEOEBICHE L 2iET
%6C&ﬁﬁ#otoitSMAiD%ﬁ%@E@TEM%@WL\Kﬁﬁ@ﬁﬁ%Li7/&A&g
KICA Y MEEIC R > T3 T & ZHERL 2o AE N2 BIICHUEH & R E2FEA L, BFC 2{FHRIL
7zo pH5.5, 73 —Z 50 mM T 55°COSMT T, H&AHIT 32.98 pW em? 232K L 7=,

1-4-1-5 ¥MKFEM :rvF2v 7992 (KB)

KB I3 EEMYEH—F VY7 I5v 2 Thh, hZEs o FolErzEL T3, HFHIE, #—FKrv~<—
N—IC KB Z_—AMRICLEZA v 2% EMHL, BEHIL72d D% BFC o# Y — FE&EME L THW
(28], KB 3Rk N —FRv 77 v 7R CAHECHRHFOERELZRIECE 5, 72, KR8
KB 5 7ML e o TH Y, KB BRI ILERD X 5 Wiz & 2720, HiRE OEEM
PERIEAE 23K L BSOS ORISR X 1L 5, B0 LRI & LLHIRIfR I 2 EXA HEE % iR
L7zt Z A, KB ZERidT 2 2 LT, R 6 fFiciho7zl L2057z,

1-4-1-6 ¥EEH : MgO $5RRE (MgOC)

MgOC (3, $581 & R 2MMLMIchH — K vk a—F4 v 2L, 2Da v RSy FMoREskEc X v
st gt CRBINIMAEEZ A T 2RFEMBCTH 2, HHUOKZ I OPFELTRER 2D,
LA FIEHC X 2 H2RECH 5 [29], NH S IIMAEEOMREZ TR 2720 MLk Fifz7n v — K
YN—F 4 o NE Ty R ABMILEE T S KB, % L OB 38 nm OfifLE AT 2 MgO %87 &
L 7= % LERFEME (MgOC) % 4 v Z4Ric L CEMER ICEMiT 2 L ic kb, SRFEMEIZREE L
THWEBGD A4 Fu s VBB %RFL%[%]3@%@FﬁMﬂ%%&Lt& %, MgOC
ZHGZSAICRD & OEEREE 13 mA cn 2 3BIE I Nz, THIZKB, A—K v —F 4 2 LB
fiFEMiDFRMA Lo~ 7 v flh MgOC EffiidEf (MgOC-E) X0 Ak, PEBOME - 274 1—X%
TIRTCOMILA I NT L E 27200 TH D, X HICHEEDOREF & HIC R L — XY EEE%1T
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TeDITid, BRI A XL 72 A VL YWEERICE L 72~ 27 afloli i 2 67 2 BERESE L Tw»
5, w7 afle T 5 -0 kEEEEIC X o TER L 72 MgOC &fiidEMk i GOx N4 Fr 7 v i{E
fiiL7z& A, D77 v —71—RvEMRGC-E)DF 13 5 O REE 22K L 72 [31],
¥ 7- FAD-GDH {&ffi~ 4 F v 7 Va8 O L E M % i L 72 R i3 MgO-E TIIWIHHETED 80 %% 7
HE#EE L -0t L <, GC-E Tlifz»>7 2 HEIHLKET 80 %A Tick> T L »7 [10], =
D Lo bEEREY A I L 7ML A5, %f@l%k’+“#5bfwé’kﬁﬂ#oto$ﬁ%f
IR ) IR & DM DB K % WIF L TS A4 XL 38 nm OffifLEH 3 % MgOC %
BHL T3, FAMALIEERAS OEERFFOKEI DR T e 2mEs it kot I LT3
[32], EEEDKIEDFKD—2 & LT, HEDEN REWNLDH 5, MgOC Ofiflo 44 X% X b IR
CIED T 72 ERE 20 nm OffifLEFH % MgOC % @85 & L CHIA L 728556, BERS T kiGd 2 BRI
BT BB L (RFF$ 5 2 LA TE

1-4-1-7 79 7=xvF/v—%¢
%/y~biFéﬁkﬂmMmEF@zmﬁ%/%ﬁwéﬁﬁ-%/v-k@ﬁﬂmaLfi Hok

Hwv (034 nm) 2RITCMETH B2 77 2 v BEF LN, THNIFKFER TN AERET-RICES]
LT$E6V~ FEZEH L 72 b D TH %, Koushanpour & |3 MK I DE K & BRI F G DI HE
Dz, Eiie L AT 2 —FR v == LI/ 772 F /= %2EMiL7Z [33], 7=zutk v
WP CAREMEFH LBUETE -2 288 LA, 7977 2vF 7 v— 1 ZEMiL -&EMRIC
WTIlE, ¥— 27 EBRERI I — R R—= =D ADEMD 20 5L o7, THIEE ﬁ@%ﬁﬁ@iﬂﬁﬁ
BBNT2ZEEzZLND, T —FR VY R=AN—DARDBEMICONWTIE, By IATeTHLNEZT =
ot vofblETtor— 7B NEXLVEHI N2 BRI EEEOREICIEL D&MD 572, ZD—J5,
77 7xzvt )y —bREMLEERICENTIE, YOV IAICENTH ZORMENRKZCSEEL T
Wiz,

1-4-2  SEfRAd
AR 1, %%ﬁ@%ffﬁ@ﬁﬁ ANz, BERORHHL L CRIEDYE DBALETTICHG T 570, F
A Ay =L LCOMMICEL T3, BRSO ILOBRL b, R ITTEREN IR~
F{riE T X % Direct Electron Transfer (DET) FIchadZeAEFE L, HEMICITI DET Blofi#sk
Z 7, EENICEHRELZITAZE LTOEXMN RN NBIEFICTNI v, 20X % a3
. B HREOBTHEZ Y K- 3T 2BLETWEEZ AT 4 -2 L LT 2980 % <
BEINTVE, BROAT 4 T— X >BMDIECETILEZT S A4 % Mediated Electron Transfer
(MET) B LIES, AOBFCS gea g 7 v a— LB AHlIic & 3 &, il 7 v o — gk
FERCOUEY 7 O ARl | BB L EoIEEEME I T o5, JEERMEL LCTld. A%
D&EE [34]. @7 FET [35]7% 8RR I w2, BEFRESMIC D2 Y — L L TiHE
WHEZERT 2 2L, e aREcRICHICZ Lw, ERLEE 2 2561, JER
Dl Ze 7z 2 X PEICHEESE T 2 [36], FIFAMMEE & it L <, BRIIEEREESE Wz, I
Bt vy —OBMBAMBL L L THWZRRICEWIREZ RIS 5 2 L3 TE 5, £72 BFC oA L LT
14
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7255813, BEROEERFRMEIC X0 G - BHE D DS B E R WD, & v T ATl O
iﬁ%&%ﬁi‘ﬁfﬁ THbd, ZLThH I —DDHEDFHITHFR - T pH & v o 2B eh BT Cilitk 2R
THTH D, MEMIVa— A LEMZFHL7 BFC X, Yo k) RBRECHLRLL THHATE 2K
koavFx Bt LCHHIFFTE 3,

1-4-3 XAF4x—%

AR & U Cfi S B R I3, BRAE TR R 1T ) BULRITTRSETN A R O NERICHE E - T
VW57, EE EREMICEFORTE L L, SR BROBOEFBHZHNTE AT 12—
RERBETIHAEDR S, AT 4 T =2 EERT2BcE, OX 7 4 = — 2 oi{iEicEN., QR
EORIENE, #EETIHLEXRD B, ity —t LCOEHEZ 2 -G cimbicgdInsd 7 2
:wEVMQWiVC\Eﬁ%ﬁ%ﬁpz+MWW%®MW§E%E@ﬁm%%Cﬁ@\ﬁw:~x
AL B DR RTCEAIZ 0.3 VLT CTH B 2 L AEE Ly, L#L&ﬁammgﬁ%ﬁﬁﬁ@’
w?aaﬂﬁ%’éinéﬂﬁ@iﬁﬁmﬁt 270, MMty ¥ —L LCOIGHZE 2 5E1CE.
7'V 3 — AL EAR D fil i R I ZEMIZ+03V AT +0.07VEL ETH B Z a#mitwoﬁ
i m@&tf@m%%%xtw ifﬁC@&ﬁiﬁﬁkEﬁ@&m B D7 (FEE ) ICHH3 5,
CDERIVELTE-DICIBAMTH LI/ Na — ABEMOKIGEMIATH 213 L. ETh 3EE
%ﬁ%@@ﬁ@%ﬁ@ﬁ@%é;aﬁmoMEriywn—xmmﬁﬁ@%é‘@ka74l 2D
FEACETCEN DI RIG OB 1T 72 5 720 BROBAEITTENN & A T 4 T — X DIEALERITTEN A HE
NTWRIEEECAIEERMEAERT 22D TEL, ChIRMER - AT 4 T X0 TEEERE
R - A7 4 = — 2B OBMEOBRELZ RS ERAHZ AL X —EF] ORI Tn5, BAE
LR - AT 4 T— 2O 0 RIGEEESILILFIRRICH 5 2 L3S T3 [37], BEC &
LCOISHAF 2 HE I EMICH T 2 BRI L . AR EMREOEMNZED — D2 ERL 729
Z CHY 2R ICEMEZE T2 AT 4 T— 2 %8I - ZEt T 2 082 H 3,

iR
RIGYE DA,
RIEEEFED

log(kcat/Km)

[RISEREN ) (FEfizE) {17

Ee-E w=- AGY /nF
Figure 1-4-3: Typical pattern of bimolecular rate constant (k cat/K M) between enzyme and mediator as a function of

the formal potential difference (AE® °) between the two [37],
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all]

1-4-3-1 L FyZRAKRY~=—

LFY 2 AR 72— 3 AT 42 =2 Ll SBEEREFOBRLETYELIEHLE 22K v—
BHRYEY P EIML7ZbDTH L, R v —FHHICES Ao 2 LETYER L3 ERL S 5
ZlickoT, EFRERC LN TE L0, BEORAMEZEHL 2R L - X EFHEZEHTE
2, LEY 7 AR) ~—DWREZIET 2T & L CORHAT 2 BLETYE. QB{LETYE L R Y
v —EBAR—Y—DEX, QUL Fy 7 RAFR ) ~—DEMBETFT LN, L FYy 7 RAF) ~v—Z
PR & IS BERBANC X o CEMBERIICHR(L L CEET 2 23 Tc&, ZofEE~ M Farrftike
IEEN T3, UBICL Fy 7 AR ) ~—% T 2 BRICOWTHIAT %,

MU —EBfz

AN—H—
BT LA

(@i i £
BALETEAERE .

Figure 1-4-3-1: Redox polymer

1-4-3-1-1 EtExTYE

Ly 7 Z2RY = —3fN3 2B LETCYE % 38IR$ 5 2 & T, BLEITEMNZZLHET 5 2 &3 A[EE
Thd, TMLETYE L L TR EERL 2RI, RO T 22 8E 3 5 2 & ClEETENN
#EMAE 2L LAEETH S [38], Os  EOBBEERLFIHEI NG 7 — A% W3, Ka = ML -
Bigaf oz RIEx <* 7 v R Y oARILA 2 RILETYE L LT 2L fThbaTv
% [38],

1-4-3-1-2 R_—H—
AR —=H—FRVIZERBEHEEROENIRSILB Y. 4 F eV ENO B FIREE I LT 5, FEH
LI A7 4 = — 2 ORLRITTEMN Z T 5 &, RIICA T 4 =— X L FEROMBLZEITE DEH
MHE D AR RN S (e b, BAEINS WIREETH K& il B % B3 2 - 91ci3, BET
Lo B A B, RNE LR R A L 2 LE RS B, AlEEE A L X2 5729, Heller 513
AR=—Y =R LAV Yy 7 RAF)~v—%FFLE [39]l, TOLFy 7 RFY~—icit 13 KEH
TRHDOAR—Y—%EAT 2 LIk ), BT oiEfize IMEE LT 2 2 il 2oL
Fvy 7 2RY) <—ofEh 0B FRERBUIZEERIO BICIKEFE L TB Y | ZEAZUEHE I N 513 LTS
TCERAT D W B DS T 28 0 SEEUREZ/N & K 72 B, Heller 5 DHFFEIC B W CTIIAEHIEZ 10 %25 25 %
¥ TR T LIEBUREUIERAMED 1/20 1275572, ZD—JTTAR—F =L Fy 7 AK) <=0
PEBURBULZRAEATE A 23 25 Y% DI CROAIAEUREBUED 2/3 1c & ¥ o7, AIEDOH 4 HicB T
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DRVWAR—Y—%HTEL PNy 7 AKY v—%fHH L7z MgOC-E OEMILE DWW TR L 72,

1-4-3-1-3 L Fy 7 2RY v —DERH

L Ny 27 ZRK Y = —ICIEEM & 77 & BB DR & @%ﬁglﬁ%jﬁ% (T 52LT, o2l
BIEOWMBHRFCE 2, LEy 7 AKY = —D—FICIEE MO EREAZEAT 2 & CaflliER
B R AR BB TDIL TS [40] , KIFETD L F v 7 XK Y ~—[Os(bipyridine),Cl] 23l
L 7z Polyvinylimidazole (E* ’= +0.23 V vs Ag/AgCl) (Polymer I, 6 mg ml")iIc DWW CiZ 7 A —%—F 4
ZWIEEITH) ZETL Ry 27 AR ~—DAEMEED T3,

1-4-3-2 ¥/ 8

FRATF TN ARG & D EH b, AELAEYIO AT 4 T—2DiERA BRI EhTE Y, ¥/ v
FZzoho—ot LTiffETnd, ¥/ v EERVEVERLLFEEIN, 2007 F vEE RO
BIREECAYERT . C2 I Vv KX ) VETHL LIS, ¥/ VIFEYFNICOEELRYETH Y,
TR LTHHH I, IS ELRYME TH 5 2 L2300 5, B o DEETIZ, FAD-
GDH %t L7z 27N a —RFR{LEMBDO A F 4 = —2 & LTH /) vHEEZFM L 72 [41].FAD-GDH %
7% GOx OB T HENHEERIIA T 4 T — X DIEALRITENIHRAF L, BN @3 L EFEELEER
BBRECZ DTGP oT, BB DF 7 VHOFPTH, FRICAL X/ VBT F 7 VEI DD EO
T RIGERERE AR LT, T, AR vicBWT, REER D o722 LB TH
3 LFEEmfT I b Twn B

1-4-3-3 7=/ FT7YVHE

72 ) FTIVEFT Y VOMIRICN Y VDS 2 OfflR L CcE EREMLEYTH L, T2/
FTIVOFERELTAF LY TN = AF LY ) =y, 7Tu~d VERD L, b idEre
PSR e LI nCTw3, ¥ YHLERRIC 7 = 2 F7 9 VbR GBILAMA T 4 = — 4
ELTHffINTwE, 7= /7 F7 Y VEHIIERMENICESGIE 2 LR T, 2OoZ0EAKRE
NADH Ot Z il 2 Z L BRI TV 5, B L IZ, FAH=v, AFL v —v XAFL VTN
—ZLTChAA Yy T — % BMEN CEXLENICESA L, FAD-GDH ¢ flafibE b L TAT 4
I LCO¥FERE L 42 4D 7 = ) FT7 Y vFEEKRDheXFL v 7Y — vEAKRD
AT 4T =2 LCHRIICIERT 5 2 & 2R L 7=,

1-4-3-4 7xzukV
7zt VI Fe(CsHs) TREINZH,DL 7 u Ry 2T AR TH B, 7 2 vk VIZREI~DR
e LTRSS TEY, $25207 2 ut=v LEERFIAAA L LCofHbBEhTn3
7 x vt VI3RS CTRERBGETTRYE 2RI 720, A7 42 —2 L LTHAIHLSLTW—)T, A%
ORI LR L EEEIA L v — - B~ DOIGH I IFREDE 5, Lin & (X BFC 2 #5832 [Ric 7
oty EERKEEEOE R v —ITBMiL, 2OFR) v—%EMEICHEETEZL T, 7xuk
BEWME OB BRI DM %X -7 [43],
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1-4-4 BRW

— A7 i & [FERIC, BFC o34 2 v =Tl A A v 2B g 28k L TR0 4+ v
Va2 GRS g 7oK e B e LTI 5, A A2 vy —SHLAER M &2 8E L ZBRICid.
MEPTICEE NS NaCl 232 iElZH 5, EANE CH 2 R 132 OFRHEDEBIFA A vIc ko TK
ECWELEZILEPHERINT VS, IRFEA A VDRV ANIHICHT 28X, VA4 vofeds 7
TV e RTRA AR =T o TR S L, X v S 7 B ORI KIT TR DT IdF 7~ 4 R &
=% LTHbNT W2 [44] [45], K7~ A4 AR —=RFNE & v o3 7 E DRI - WM 721 Tl <,
FESRIGTE &\ o 72 AR RBRRE P TG TE A O b D X 5 B MEIC R 2 £ TH K O E oPEIC
HHL TR B DhoT0d, T=AVIEAFA VIV IRERFENEALTEY, —HWICIE
UTolEcRInsg,

Citrate3~ > SO~ > HPO42~ >F~ > Cl~ > Br~ > NO;™ > ClO4~

Rk DNESN 23 A F A4 VICBAL THhHE I N T 5,

Mg?* > Li* > Na* > K* > NH4*

FT7wARZ—FHDI b, FNET 344 vidaxEravry 744y IR, /KE OEFIM:
D Ry AN 7EADENNREZET 5, AIICIZKE DBMEDIER A A v THE AL tr Yy 744
VHABREINTEY, TR E V2 HOERIREHT %, aRxEtury 2 - htbneyszoy
#11%. Jones-Dole viscosity B coefficients XIEOA v ZaxEruvy 744V, BOAF v EAA
Oy sAFvEIND, AFVEKOBAWED XT XA =2 D—DITKHIZ Y ZNE =035 570, w7
YA RZ=RINIZDOKHZ VAL E—DRKEI LD KL Tn5, BEREREMICHTLTH, EFELE L
TR S 23 OMEHIC X Y | BEROLIEN: - BXULAR IR E B 2 RIS 2 L PRI T
Y [46] [47]. BERMICA D 7Y e EBMAE OFER, ERE L ComERbic ok,

1-4-5 B

BEFR I AN ClE C 2Lt RS 2 (RE S & 2 R cH b . BN TEL NS, v — S
TRICHEWT, ZF2RKIMHT 2BICEO N 2MB CARAMLEENZE T 2 2 3R INnE L
DERPIE Wbl T3 [48], BERICIZS K OfEMEN B 2203, X vV E OB CREREMEFFO £ v oo
HEgERL., 2 v YN ORF & DHLEIC L o THEHZRIET 20 AE L v 7 BBERICHHETE 5,
AT IR DRI 3% . BB ICIRFEETTRISICBE T 2 b 0o03% v, HEX VX7 EIE, KiE
LRI AT A HRR TR, X v HE AR NS Wi R A AT 5,
BER IIABMIECH 2 23, 130 Offfit & B 0 IWERFRMED D 2720, FREDKIGD A Z il 3 2 & »
)R B %,

FHETAIBERTNTE Y AN 7EIOERINTEY, 20XV 2HIZT I BROEHAKRTD 3,
—DODEFRITNLD2HDT I VEOMBEICK VY 20, 20T I BOMGIET IR L IcE
%, 73 BOMEENET & v ) i CRAZKFOEIE I —XiE L TFEN T3, L2LAaRs, KKo
R IZ RIS IR . IRV 272N T3 DB RN TH 5, T DIEFED IR
DEZTTELTHALDR a~Y) v 7 AEETH 5, BREEK T 27F VHOT I /D C=0 A
DO L, ZDAERIIEDT I /7 HEDO N-HHD HRIEIKFZEBET 2L o8 AEERE L0 DT
Hb, —MKDRYANIETRET I JBOK /4B a~) v 7 AfEICR>TwE, —/T, 4L DX
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VANTBHFERICEIERRTH Y, a~) v 7 AEELSGEBRTE S X5 BIRTIE RV, BRIRx vox s
HELERE ST F F2oksd a~ v 7 AHHMHEETRICA VAL, R IC 7272 7 ZE,
T DX EGEEMAODEL=ZXTUNE L 25, Z DWHEIIHFROEE DM ICEETH Y| i
TR D 2 E 2 RS &5 2 L dMEOKE R 2T 3, DARRIC, BEREMICHIN X 5 R - il
BRI T 5,

1-4-5-1 7’ n a— x@B{LEER : GOx (Glucose oxidase)

Za— AW LEEORKRNAEEL LT/ va— 24+ %2 £ —+¥(GOx, EC1.1.3.0)05 5, 418
13 18 TRt T, TICH COWMHEEERIC K > TV BE s, BBLEITENIZ-0.43 V vs AglAgCl TH
%, “BAEEEKLCEY ., MiERICFAD #H3 %, FEMIxpH42 TH Y, BEEAE L L TKE
BREHEDVEDTH D, GOx BETRZAERE LTHBBRICET2ET B0 oTED, TOHDAN
Adv v+ —b LCOHEIE RS, GOx %ML v ¥ —DBEMAE L L CHW 25411 0D
oM OBREHBRELERIGLTLEY, 2y —L LTCOEMIICRIT S, $7-ET2Z T ET
INTBRHPBIECKFIC RS Z L CHROKNE - BHEZFIZEILTLE ),

1-4-5-2 7 v a2 — 2 ik &8 %£ : PQQ-GDH(pyrroloquinoline quinone dependent glucose
dehydrogenase)

voux ) vx s v(PQQ) EfilER L Lz va—2BkFEERETH Y., GOx oL L Chl%
TNz, 1990 fELHIC, GOx ZH W= HEIMBFHIE £ v ¥ — 2RV NI d X Hick o723, GOx DR
FIEFREAF SR S 0, BFBR L 3ETRZ2fTbhw/ va—x7e Fur )+ —+ (GDH) #
FHINS XS hotz, 7 a—RMERMIE GOx ZHW 72854 L FMkT, BHE% GDH ICE %
2B LICE o ThyF— 2GR 2, POQO-GDH 234 %)1F GOx DLk & L Tl X 17 25, PQO-
GDH I~ F—RERIET 2T EAHAL, Fizmif@lerol, v P =R I Vva—R 2 514
DA LM TH Y, REEREO D ICHMOK T L LTEEINT VWS, 2Dk, HWillZ LM
% BEDMEHEZ M > 725G, AREL D DFWCEHEICR>TLEI LI YV RIZ DD o7, BEIRZX
Vo THICRR SN, <L b — X & KIS L v POQO-GDH 2fb & v+ — il T 3,

BFC O 7387 Cld, BEROZEMEDKE 2 & EFEH) 2 BLASE M X 0 & | A o 5 W ERERINE FH 2 v
Y —DENPFE L COIEHDIZ I BEENZ L E 2 2098 #H b\ 5, MacVittie & IZKRICE->TW 54
L v ICER BFC 0&EMEzH T ik >T, ALy iiEGENs s ra—x - 74027 b —2%MRE
LL7REEToT, Fr v 2 — L&t s itk oT, 74 ¥ L XXEDREMICD
WCHREF L7z [49], 7/ — Ficid PQQ-GDH & FAD k#7427 + — 25t Fus+—+ (FAD-
FDH) %#fiwvw/ra—2& 7V 7 b —=2ADBLKICE, 1Y — F T T v =K% FEOHERORITTKIG
{107 CO3DDMRIIAT 4 T—2EMEL ST, filEFHL LD NAD*S A%/ DET B E
THEEZITA %5, HUAEE L CF / E0EMEZMET 21CH7 Y, DET Bo X Sicy v 7 akft
MAThHsZ LIFIEFICEETH S, BTk, AL v Vit B ZERE L, TO/MATE
W27 T AL PCANTAXYLADA v — VOB L7z, —J7 CTIAME LS LTI 6 IR 23
RACHY, REANA Ay v 7e LTHHAT 20 THIUL, BURILERHIE T X 213 L oFamos
o, glEfxdEihe L CoRHFmLrifEE b,
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1-4-5-3 7'V a— XK FEBEFR : FAD-GDH (Flavin Adenine Dinucleotide dependent Glucose
Dehydrogenase)

GOx ® PQQ-GDH Dfi z % 7' v 2 — ALSOWE & O RIGHEDREZ k3 2 7=, 7 a—XF
R E OEEEE R Tl B TR SO MR EBB L. A A v =%/ L 72 [50], 1
Wit vy v 2Z2icid, MPEEWEOFR»SH 7V a— 2D A%EFER - Fi#T 208085 5, SEMEYE
WRE L CHERERAI ) —= v T 2T o iR, Aspergillus J&DRRE O — BB R BZERE K 7 v
2 —REBLT 2R ERINCERT 2 2 LR L7z, RBERIIFAD(7 78 v T 7=v ¥ X7 L
AF P)EMHEREE LTED L5 72, FAD LRI N D T ik Y 2J7 7 DKFEZZEA L FADH,
b, FFRETRE LI, ABREI 7 e VERETH LI DL T, O, 2B TXAMKRL LRV
ERHL L o TB,GOx ¥ PQQ-GDH O ix KO & Izl O, o~ b b —RDFED 7
FZavE R R 2 e R OBEERTH 2 T L BP0 L TR o e, EFEDHFFEIC BT FAD-GDH
. FEFICEN AR T A E R L 72 [10], ¥ 72 FAD-GDH Off ol ZRET 2 2 itk o TE 5
7 B IHEAEATNL~D T 7 2 ZAEDR LAY | 25°COBEWRH CTHREMR LI W IR R OER 2 vz
BEo 1o GOt ERIEZ 325 2 LIl Tw2

1-4-5-4 EEFEETTEE : BOD(Bilirubin oxidase)

We 3k DIRITCOC % 5 2 BRALETTRER CTH U . EEB O A A v ZiEtEhOIcRoMETH 2~ LT
AFL X —FICET S, COBEOHEIIv I LY vV EBE, HEPIIe I LY v ekTh s, K
R IINEK D & BRI OGHIC 31 2 oM EHE (hhov Y re vy ofiliEiddE) & LA
CFEAEINTE 7, Ve VIIRIMRKICE TN HEEERTH Y, FEPHD S FEclliEIns, Iif
PREESEICPEE 2D 2 551k, e I e v odiAZ b3 2 2 2o, IEREIIERAE L L CHIH
NTws, BFC o8 Cid, BREDETSIIGZITI A Y — FMlloEMME L L TH T3
Kamitaka & (FEMRIC 7 V7 F =X T b Fr7F—X%, [EfRIC BOD %A &b 72 DET Ho* %ﬁz
Bafrd XL —X—FED BFC %#kF L7z [9], E@MEHCiEh—F v —~—2fiHL, ZoO L
IC KB Zf&H#fi L 72, Wit e LTt dmAem? Z#ER L, 1 & L Tid 850 mW em? 23K & 72 o 72,

1-4-5-4 #E%3% : FAD(flavin adenine dinucleotide)
FAD 34 mlgZofiizsk e L@ [51], FAD o8&, BEX v 2 L mEICHES L T
L, AT uIFHFUVREPIKERTOERZICHEST 5,

f “‘ﬁ Jf‘

FAD FADHz
(BefLZY) (RTR)

Figure 1-6-1: Oxidized type and Reduced type of FAD
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Pavard

1

2
all]

1-4-5-5 flEEE : PQQ(pyrroloquinoline quinone)

ME D7 a—2BKEHRICEINE =aF v T IFE 778V ICR 3FEH OB LETTHiREE L
LCRIEEINHiEETH 2 [52], PQQ RAEKRKNICEVWTEICT L a—L, Zba—X TiATe R
BLUOT IvaEoBtizaoTW3 2 Lpbro T b,

Figure 1-6-2: PQQ [52]
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528
MgOC % BHIEH L L.
7 a— AALiER (GOx) Z{EML 72
L Ny 7284 Fu i VB 7 v o — Z A0 R o i 5

¥ L ERE IR O B~ D2 o fiFbA
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%23 GOx ~4 FuZ L&k

2-1 8

7V a— AL E IS 2 GOx 13, REWDIEFICE K BFC » N4 A v I — O Bl &
LTIROILSHERINIBERTH 5, RN TOERN R Vva—2oE< BFC 07/ —F&LTD
IR, GOx ZHW/zL Ky 7 24 FaZ A a4 eI <&z [63], HixsEEi
=R Hig L. BEREICREMR 2 EMiT 2 2 & THwA L Far A EERTER LE B s
{FT22LT, RENEZ LT LHERDH S, Bom OMIFLZE T2 KB BAEMO RS E LTHYOR
T3, Z OWFEITFIREBRDOE 4315 TH 2 [64], —/7. KB L 2 W H—7 2 VilzHT % MgOC i
*Wﬁ%abfﬁaéﬁbfmé AWFEIC B W TIIIFER L oBfMmE 2z A S ¢ 2 HRYCHEHREY 4 X
I 38nm DAiFLE T2 MgOC % FIfH L 72, MgOC I3pkBIiFEEEIC X H. GC-E LIiciEHiL 7,
VB EEETE LR BB E AIKB)IC X o TEMERAICHE ST 2R 2 A 2BElETH Y . PrEnk
WK L7728+ um 34 X0~ 27 vl E N5, FAD-GDH % &t L CHWAE 4 Fair
ZAEH L 7z B3I 13, 37°Cic 35> C 200 mA ecm? % {8 2. % filt i B8 il % £ Rk L 72 [10], L 2> L 7223 & FAD-
GDHiﬁm@ﬁﬁ< 37°C OB CIZ RN 2Bt E XA TRECH 5, AfFEClicD~rm-4 Y
BEfEE % ZEE O GOx LflAadbR s T, MmENEE e RN AREN*ET 24 Fnr
Tnrva— AL EMORFEE H L L7,

T o d FaZ VERIERIE, 44 voErZiieduvwend cepnfifancnsd, ~4F
a7 NI EHERIE R L > T3 729, NaCl 253N & L7z 4 & VIRE R E WS b % Dl pEEE %
5 ldzs\ [53]4%, MEEFTE LKA 5 [11] [55] [56], Zhiz@EERE AT 4 = — X DFER
BHAFERBTDIHEI N, BER - AT A T —XOFENT X7 P OBEEEN THoCLEI L, QL
Fy Z2Z2AR)~w—HHEDH D77 AEMOF NI NESHEL TLES &) 2 &, ﬁﬁlfﬁ
ZEMEINT WS, —J5C, BIEEREF N v LEEZHRINL 25ATIEA A4 F e v idBikikigc
. RO NaCl f£7E T X 0 & il B il 13id 325 [57], 2o &b 44 Vg T Tl ﬁ%?
LB TERVALTVEHBOWEAFE L ZFIRERD N0, ZhEho A+ v o2 5
FIIfTbN T, £ TARIFETIE, ~4 P VEMOBRMEICHEL 5 2 2 EBRE A 4+ v Off
ez %, K7~ 4 AX=FRFNC L 725> CTRERHMN L, BRI CRIEEICEMidhiz 4 F
a7 VDOF e E RS L HNE Lz, K7~ A REZ=FH eI T =F v, hFAvikEox v

7B OREECEEREICRITTHENEICA A v iz bDTHY [58], % v 7 G OREMIES

pai - Mgoc ietrss - KEEEE
- R \ Z 7
.@I;%fg}gﬁn;%;g ?;Léiﬁb : Y)EENX(C fﬁbﬁ.?@ﬂﬂ’a’:ﬁ/ﬁﬁ

SR LA X2

Figure 2-1: Design of MgOC-E
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AR & R OBD 2 LI - AV ARILCEHRICE W TAZ T 5 5 [59] [60] [45] [44].
Tl Carucel 518 & > T, MET Mo /v 2 — ZALEMR O MR TGS = 7 ~ 4 2 5% —RINICNA
T CEBEOMBIC X VLT 2 2 Lol T [61], AT, GOx 2 bd A Fusy
NERICDOWT, BRA 2 SRFERE & L TR BRISEICOWTHWET 5,

2-2 EEGH
2-2-1 I EHEMOIFRE

poly(vinylidene difluoride) (PVdF, #9305, k&7 1L N) 0 mg %7k F =+ UL 15 ml T
157 FEY FAF -2 THEE E 7, % 0%, TFERE 38 nm DfflfL % H 3 5 MgOC (CNobel®,
R ER RS 15 mg % PVAE BoRohicinz. X 51 10 SRS E ¢z, 79 v v —h—=K
v #EMI(GC-E, 6.0x3.0mm, &—+ T— - TR 2EBL LT, A—FKvTL—t2avy
v =@ L TRV, EFfREESUC X o> THEMEIC 50V OEHE% 60 BEHI L. MgOC R+
% GC B i B L 72, MgOC {EfiE K (MgOC-E) IHR iz ¢, T b=+ YA x5t
oo A Fa s EHIRTC 10 20 77 X~ BLLERIC X - TR L 72,

2-2-2 A Fur s

R LNy 7 AR Y ~v— - EEHIOERILA 45:45:10 127 % X 5 1T GOx (from Aspergillus niger,
MRS B A0 mg ml), L F v 7 XKV~ —[Os(bipyridine).Cl] 23/ L 7=
Polyvinylimidazole (E° ’= +0.23 V vs Ag/AgCl) (Polymer I, 6 mg ml') #{B& L 72, % DEZUEHI & L
T poly(ethylene glycol) diglycidyl ether (PEGDGE, molecular weight 500, 8 mg ml') % GOx + L F v
7 AR) = —RAEBRICN 2 72, & DMBEEAAR%Z MgOC-E RICH ML, @iz 4°C 18 Rfilo 5
thcickE ¢, 7Lz T 57,
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2-3 HFUE B & PR ERR O Al B FAE O L

MgOC-E & GC-E 1Lz nicxf L €, BROBHEMIE(cm?) 472 VR L Py 7 AR ) v — -
ZERI D GFHAEBOKEZE T R\)A 800 ug i/ 3 X 5 ITEAi L 72, Figure 2-3-a 12id, &EMO 4
A2V 2R /NEETTL(CV) BRI LTz, N P vofkbidER L Fy 7 2KY) v— 3¢
R oEREL % 45:45:10 & L7, MgOC-E @ 7' v 2 — RVl R 13 56 = 4.1 mA cm2 Th
h. ZTOfEld GC-E Do) 12 f5TH %, GOx EMfE L L CHOWAZREOHTIZ, b KEXR
bR 2 ) L7z, GOx ZEER 2B ARG L 375 700, IdFHER OIAE T2 B \» TS
T2/ NE {722 [63] 2 0B kFE 2R E LR ARSI RIET 2 F:BHMo N T 5b [62]23, C
@%%ﬁ ICBEVWTIEZOFENIEF NS otz 2NE TN a—ZADREPIEFEICE L, 222 GOx D

ZEIETH % FAD 205 Os R~ DBETHEHOMERR P o/ L EHTH I EEZLND,

Flgure 2-3-b 12lE. 0.8 VvsAg/AgClic &1 2 B IMED 4 F v s VHFFEKIFEZ R L7, B
IZ1Z MgOC -E ¢ GC-E %:%%(L%“Mﬁw 37°CD 0.5 M 7 v a2 — R CHlE 21T > 72, MgOC-E

CHEWT, 400 pg em? OEAf £ TITIZIZTEARRIC A EIRES ML 72, 2D L 225 400 pg cm? ¥

TIHER L 2RO T X THE ffT}iﬂS ICHELTWEEEZLNDE, ZDH%ITART D ICERMEH
L. 1000 pg cm? OEFFRICE W TIE, 60 mA cm? Z3ZEK L 72, 400 pg cm? L ETld~NA4 F e s
DIEEREL 20| Bl 72T R COBREIEMIICICTF G TETCWARWRETH L LE 2 LN,
— TR EMRIC B\ Tid, 200pg cm? OFFSCERMESEITH & ko2, ZOREH TS Frou
BEREL, 13 AL DA Pl A RERERRICICHF G TE T WIkEETH 5, Ohara HIT k- T
PolymerI & GOx # "4 Fr 7 afbik & b GC-E L L 7285404 Fu r v RikFEo 5
B EhTns [63], o ERICENTH A4 Fur AV HEFE2H) 200 pgem? (2 S fill i

L 70
: & MgOC-E
oo | Ve ; .
OGC-E
——MgOC-E £ 50 A ' }
=
co
o 40 ~
—GC-E ©
g 30 A §
2 20 -
----- MgOC-E 3
= 10 -
(no glucose) @ B @m B B 8
S 0 T T
0 500 1000
0 02 04 06 038 1 Hydrogel Loading/ pg cm™

E/V vs. Ag|AgCl

Figure 2-3-a: Cyclic voltammograms (CV) for glucose Figure 2-3-b: Dependence of the glucose

oxidation on the MgOC-E and GC-E and CV for redox of Os oxidation current at 0.8 V on the hydrogel

complex on MgOC-E, 0.1 M phosphate buffer pH7.0, 37°C, loading for the MgOC-E (@) and GC-E (1)

0.5 M glucose, hydrogel loading 800 pg cm™2, scan rate 20 mV 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M

s, 8000 rpm glucose, 8000 rpm
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GC-E :
{EEFE200ug c 2 TRMEEFREHN TSI TEERD
—=[EW\A ROYILRICEDIEROEFILANE(L

MgOC-E :
{Z8FE4000g cm2E TIEARIIICETENENN.
ZD#EH1,000ug c2E TRIESHNTEENN

7, SBIRAZ R, REMEED  BEBD 273 RISCEHS
' TETLRL
N caEn
}\ﬂ’géf?éw 2 400ug cm2 %
| RIGICES TE TR

Figure 2-3-c: Hydrogel loading of MgOC-E and GC-E

BEIEA—EEICED K T L AME I N T 5, MBEEFE X EMRER 2 58 um Kili D RIGHEICH
FEMRIREIC L > TRIEINDS Z DD, BRI OE N E ZHIfLET 2HERDIT L A LI,

e L CRISICH G L TnhwnweEZ b s, KSR 5. MgOC I X 2 EilD % fLE L,
BRSICICT G CTE MR AT 4 T— X B0 LAMKEERME O KICHRNTH 5 2 L A35rh 57z,
MgOC-E [ ic Efilit & L RSB % 17 - 72 FAD-GDH(d-FAD-GDH) % -~ 4 F m #aAbikic X b
BHiL 72 25, 1000 ug cm? OEffiE T 150 mAcm? 28125 L 7= [10], Z OffIX[FEZMAD GOx &
MoFEED 2 (5L ETH 5, GOx & d-FAD-GDH O 2 {50 %3 EOEEIC X2 b0 TH B, £7-
WEICA v 7 BARERIC X o THERK L 72 MgOC-E I GOx 4 F a7 aAbikic X Y 1000 u g cm 2 &L
L7zB%ix, 25°CC 11.3 mA em? 2 ) L7 [30], 4 v 78&fGETld, MgOC % 4 v Z7HRIC L A8 F
2 7 CEMEMICEMT 5 2 & THHEMEZFRT 5720, WEEEEDO LI B~ vfl2 75
ERTUEEDBTEL I N O\, - EREEEOB A2 O HIERE 2 25°Ch 5 37°C~ L5732 & filli
BIREE I 2515 [10], ZoRizERT 5L, 37°CIcB T 54 v 7 BAEOEMIT 23 mA cm
2N T2 L EING, KEEEFEICK 2EMTIE, FFEHFTO60mAcm? ZEK Lzl L2b, K

Table 2-3: Previous researches

ISR

MgOC 55mAcm~
(AHAFTHER) I\ kOGS :
: 38nmDFLEBEIT D 800ugcm

H—MR>R—){—_LIC
CNTHYEE [76]

(a) Bare carbon paper

(d) 20 min growth time

22 mAcm2

J\A ROS)LEER :
800ugcm-2

CNT AL XN (CNTHHR  xEBEAA-—> 26.7mAcm-2

BB (S ATE T JLL) — > )\« ROSIUEEHE :

(78] 13% 1071 mol cm2 of
Os complex
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FMBIDOEENTFEZ A v 7 AL GIKEEERICEZ 5 &, MBERBEIIN 25 fficks L
335 [30], THAUIVKENEEERICX VBRI Nz~ 7 vl WHEERRICEL CWiehrbTh b &
Ez2zbib, ZDIEhMkA RRFEMEL LT GOx - polymer I %] L 72 56Tt 98 1c 2T, Table 2-i
FLeD, MgOC-ED XYV -~7 a0 DlEERGENR A Fa s v RGE LTHEL TWE 2 b, K
RIZIEPDETHRL Y b EERFEZR N L 22 23005,
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2-4 HFUEBM & PIRERR O AR E M D L

Figure 2-4-a, 2-4-d Tl 20 43 8000 rpm T L < &l % [AlHn X & 7z BR O il B i 0 2L 2 7R L
720 MgOC-E LD~ A F a7 WV ERiE 2 50 pgem? D413 20 438 o JIE ki e i iE 239 E IR
i 24 %ECHEA L, LArLAAA4 P s voEfigs 800 ug cm? £ T T &, 20 53] 8000
rpm CTHLL  [FIER X 2 72FRCH 75 % DEHMEZ PR T & 23T & 7z, B R ORI W RIEM D UCE
T3 ERNh o7z, AMOMEIA GC-E iICHWT b A bz, EBICHERRD Os sk ok LR
JLY — 7 % Wik (Figure 2-4-b, ¢) L7z & & A B FEO A & & R D v — 7 EifE 0 1ZH S
Nixholz, LFy 7 ZRY~=—IF 8000 rpm &\ i L WERELIC 3\ T BAMRICHRENICEE S T
WR T LlBbNrb, TOT b Vs VERiES 50 ug cm? IR 27 At E O JE

60 4 4 MgOC-E 800 pgcm-2
AMgOC-E 50 pgecm—2

110
x
= J
> 100 ‘AA
@ AAAAA
=1 4 A
5 el 24
£ AA
3 A
£ 70 A AAA
E A
S
b
O
4

50

0 10 20
time/min.

Figure. 2-4-a: Stabilities of the glucose oxidation currents of MgOC-E, hydrogel loading 50 pg-cm 2,
and 800 pg-cm ™2, 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M glucose

0.6 4
0.4 4
2 -
~ 0.2 N
; :
< 0 < 0 1
E =
™ .0.2 =
-2 -
0.4 4 — before ——before
after —after
-0-6 L] L] -4 L] L]
0 0.2 0.4 0.6 0 0.2 0.4 0.6
E/V vs Ag/AgCl E/V vs Ag/AgCl
Figure 2-4-b Figure 2-4-c

CVs of redox of Os complex on GC-E before and after Figure. 2-4-a experiment, hydrogel loading 50 pg cm
(Figure. 2-4-b), 800 pg cm2(Figure. 2-4-c), 0.1 M phosphate buffer pH7.0, 25°C, scan rate 20 mV s°!
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110
>
-~ .
= 100 1A A
@ A A
o | A

90 A
® A A Ada,
= 4
g 80 A A
S A A
Y 70 - AAp
© A A
2
T 60 4 2GC800ugcm2
Q
o AGC 50ugcm—2

50 T

0 10 20

time/min.

Figure 2-4-d: Stabilities of the glucose oxidation currents, hydrogel loading 50 pg-cm~2 hydrogel/GC-E, and 800
pg-cm~2 hydrogel/GC-E, 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M glucose

0.2 0.4
0.1 0.2 1
o o
= £
g o- g O]
-_E = GC 50ug = —GC 800ug
0.1 - before -0.2 before
—— GC 50ug —— GC 800ug
after after
'0.2 T T '0.4 L] LI
0 0.2 0.4 0.6 0 0.2 0.4 0.6
E/V vs Ag/AgCl E/V vs Ag/AgCl
Figure 2-4-e Figure 2-4-f

CVs of redox of Os complex on GC-E before and after Figure. 2-4-d experiment, hydrogel loading 50 pg cm™
(Figure. 2-4-¢), 800 ug cm? (Figure. 2-4-f), 0.1 M phosphate buffer pH7.0, 25°C, scan rate 20 mV s!

3. HEOBBEIC X 2 b DEEZOND, BHULHICHIET 2 RSN & L CEMICICHS
THZLETERVE, A P s VEZEC TS 28T, BROER N2 EIE2ERH 5 Z
EBH o T,
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2-5 HFLUEEM L PIRER DO RIALE M D LI

Figure 2-5-a T3 0.6 V iC 31} 5 MgOC-E, GC-E DB e E DGR %/~ 3, Figure 2-4-a, 2-5-
d DFHliCIHEMIENS WIE E+RRRENER L0, AHFFETIE 800 pg cm? D4 Fasn
T H MBS L 72, WA E 1 MgOC-E(Figure 2-5-a(A)) & GC-E(Figure 2-5-a(C)) Tz L%
4.9 £ 0.4mAcm? 1.6 £ 0.1 mA cm? & 7x > 72, 70 K] O@#EREHIE D%, LR FRE X MgOC-E
ICEB W TIIPIHERED 57 = 8.3 % (Figure 2-5-a(A)), GC-E Tl% 67 £ 7.5 % (Figure 2-5-a(C)) £ T
WALz, C OB OMA 1T GOx OFFOF F v X —LFFEIC X » GHEEELKESER S . B
FHEMRINE L AR E 2 b5, — T, MgOC-E X Y & GE-E @7 28 Z6E 13 i ic &
272, THE, GC-EicBnTiEA Fur VERIEFICE L BFBRESRIGED GOx £ T LY
BT EDELICEIC ST 2BBLKRIC L ZFEDNE o bThIEELZLND, —J]
T MgOC-E I BV TIFIFF ICH A Fu F AEEBTEK S T 2 720 IBHFIRER 3B 5 I SUCHE
D GOx L/ &V EE, BB KFEOHELZ TP TS RENEPMMEL ho/tEXLND,

Heller HIBMEVKFZONERITIO N EZ T —EEAL VR MICMA S 2 LT, EgllEICE T2
REWER EX®EZ LI [62], COME/EESE L L, AL TD 80ugecm2 DA £ 7
—XE AL Far ez zz, PIEHETEIZ MgOC-E(Figure 2-5-a(B)) & GC-E(Figure 2-5-a(D)) T
ZnZn 4.6 £05mAcm? 2.1 £0.2mAcm? &7k o7z, AEEETEDIGE X MgOC-E X Figure 2-
5-a (B). GC-E i Figure 2-5-a (D)IC CT/RE N T Y, 70 Btk o Al FE il 13 MgOC-E T3 HIHA
BIMED 76 = 6.0%, GC-E T3 81 + 75%¢ %Y, X T7—¥EMA S LIC kY REEDH L
TRRER L o7z, — . AH S DTS IC B\ Tt d-FAD-GDH % Efffiii & L <72 £ <
X, 25°CoIc 1T 2 3 HEOMIE CHUBEEIE I HERED 22 ETHD L7z, 2O Lhbd
GOx /oA Fa r VEMBOMAED & X R TE 2 [10], AWfgEic <, MgOC-E @ 70 I
BIOWEERIEZEOL Fy 7 AR ) v —D@{tEty — 27 %, 7V a— R T I TR L 72 (Figure 2-
5-b, 2-5-¢), Os $EADILIRITCKIE, LRI 3EDOL Fy 7 2R )~ —2RBEL T2 2 L0057z,

110
2
> 100
o
S 90
© (D)
% %0 (B)
bt B
5 704
T 60 - ©
2 50 - (A)
[«7]
" 40

0 50 100

Time/h

Figure 2-5-a: Three days of continuous current response at 0.6 V for hydrogel/MgOC-E (A), hydrogel containing
catalase/MgOC-E(B), hydrogel/GC-E (C), and hydrogel containing catalase/GC-E (D), 0.1 M phosphate buffer
pH7.0, 37°C, 0.1 M glucose, hydrogel loading 800 pg cm™
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HEEEAGE A 27— OHBICEHDOOLITFRLTH o7z, BB Lo TR - AT/ -2 —%[FEEL

4 4
2 2
S o
g g
0 < 0
E g
= =
-2 2
before before
after after
-4 . -4 . .
0 0.5 0 0.2 0.4 0.6
E/Vvs Ag/AgCl E/V vs Ag/AgCl
Figure 2-5-b Figure 2-5-c

CVs for redox of Os complex before and after Figure. 2-5-a experiment, hydrogel loading 800 pg cm2 (Figure
2-5-b), 800 pg cm2+catalase 80 ug cm? (Figure 2-5-c), 0.1 M phosphate buffer pH7.0, 25°C, scan rate 20

mV s, in quiescent solutions

2 LTHM3EDOL Py 72K v =il L T 2720, X5 7% 5 LZERICH T TIRERER OF
A ORGP X 0 GRE R EE R [64] 2 BETS 2 BEA D B,

2-6 GOx 4 FuZAVERICNT 2T =4 v OE

AWgecld, GC-E i A Far v %2 EHiL Cii 21T o 72, mOYNICBKN T =4 v <chsr s
VA F VIFEAE FIicB W TFHIi % L 72, Figure2-6-a(a)ix, ~A4 FuZ A &M% 25°Co 0.1M Y Vg
Ny 77— pH7.0 . 02M Zra—2EEHh (R < 2000 rpm TRELZLHEGE L 72H O TH
%, 2.5 mA cm? DOFEERAG O N7, RICHERRFIC05M 7 viEF ) v a%zhiz pH %
70 ICTAREL 7238 (7 = viEF + Y v LG <. (a) & [A UEM % W CHIE L 72 CV 28 Figure
2-6-a(b)TH 5. fBEHBEREOE T ABE I N, EHBRILXETH Y, BN AEMDOLLE
BEL TV L W) T LTlARV, &EICDH ) —HEME S NICERE KT 2%, FEEERR
HCHlIlGE (Figure 2-6-a(c)) 2 fTo 72 & & A, fllEEIAE 1X1ZIETCH D 1272 5 72, Figure 2-6-f TIZ X
BUKI 72 7 =4 v CTdh 5 NOs D8 i Ji~ 7z, HEEAR P CHIE (Figure 2-6-f(a))#. 0.5 M Ok
F U A HER R AR & €, pH & 7.0 THIE L 2R (R b Y Y LIEATR) T CV
% Figure 2-6-f(b)IC/R T, Jeibd 7 = vEEF b V) v AHRRPIC R T, K& BRI L
Tzo TOEEICOWTYH, FHOHEEZERF CHIES 2 & BRI I IEYI o HAER R D Ic
> 72, [FARED EERZHEEF + U v 436 (Figure 2-6-b), J Y E&F + U v 436 (Figure 2-6-¢), #ifbF Y
7 L35 (Figure 2-6-¢), @IEEEEF b V) v L4 (Figure 3-6-g) AR L 728 IC B W T b fTo 72, £D
WARWEZGEICEVTHET P Y AEOFEET CEIELA L, 2 [ HoHMERE T Ic THY
CV #MIET 2 &, BItMEIZIIT(QOFMFELRFEL CHET 2 LB bhr o7, HITHEICHIRICE
WTCClLEE N ICB W T A Fr rVEMBOMBERES R 32 C L idBiclE s ahTtnw s [11]
[55], £72HlOMEICHE TR DRI ANHTH 5 2 & bHMEINTE =D [65], AWFEICEH
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T, T=AVOREICX > TMBEERMBICES DL EAHL2 LAY, LI EDEEZHAWEGE
b ASIC A EREARIE T 2 2 b oz, ZOREEM L, BRE (Y v L) OFET
ICB T B ERMEOWA T, A ABROEERLIIFICL 2D TIERL, 4 Frsr ANEoR]
W) e S ZEAIC K B T & AR X 7z, Figure 2-6-h 1Tk~ 72 - B U w7 LRI CHIE L 72 CV @
ERE T LD, FRC ClOs f27E T CIIMMIER T & A BRI ik o 72,

Figure 2-6-1 TiZ~A4 Fr 7 AL L 72 Os SR DB LETLY — 27 %2, JVva—X %2 EEBwF I v
LRI CBIZR Lz, ZOfERD B, ClOs ZFR\V T, BLETEMN P — 7 ICKE RES RN L
Bbh b, L=d-> 7T, Figure2-6-h k1% CVOE{IZ, L Fy 2 2R ~v—DB{LETEMDOE
Ik 2 DTN LB RBEI NI, Caruccd HlE, 7 = 8t vV DIELEITTKIGICHNTE4 4+ D
WERHRLMEEIT o7 [61], TOHBHRITHEVTD, 7 vk Y ORLETTKIGICN 3 5 o2
ZhNE WS, 7o —ROMIEERMEICIZIZO 28D L EAMEET TS, ClO, ITiEHT 3

&, R IIIER IS (O BMURIT Y — 2 BIRE D fhd A A VAEE T o RRHERR TR & R T D
IEFINE hoTe, BUKMEDIFEICE W ClOs [66]1F~ A4 Frr v e AT 2 2 LT A
Fa A NEBEAKEIC R Y. FAR~OERE L IV a— AOEEBHEEEIC R Y AlEERED
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Figure 2-7-a: Effects of various 0.5 M sodium salts on glucose oxidation currents at 0.6 V for (a) GOx-hydrogel
modified electrode system and (b) biocatalyst dissolved system, (a) redox hydrogel electrode: hydrogel loading 600
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Figure 2-7-c Three-dimensional rendering of GOx relevant to the present study, indicating surface charge distribution.

Red indicates negative charge, blue indicates positive charge, and white indicates no charge. Rendering software:

CueMol 2 ver 2.2.3.443.
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Figure 2-7-d: Adsorption of ion
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Figure 2-7-e: Isotropic static polarizability [81]
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Figure 2-7-f: Mechanism of kosmotropic ion and chaotropic ion
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Figure 2-7-g: Shrinking and swelling effect on redox hydrogel in presence of kosmotropic ion or chaotropic ion
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Figure. 2-8-1: Dependence of glucose oxidation current on anion concentration for redox hydrogel electrode in
phosphate buffer with 0.2 M glucose, and with phosphate ion (open circle) or nitrate ion (solid circle), 0.1 M

phosphate buffer pH7.0, 25°C, 0.2 M glucose, 2000 rpm
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Figure 2-9-g: Dependence of glucose oxidation current on cation species in 0.5 M sulfate salts and chloride salts,

0.1 M phosphate buffer pH7.0, 25°C, 0.2 M glucose, 0.5 M sodium salt, 2000 rpm
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Figure 2-10 : Summary of ionic effect
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DR . F 3 EHD GOx B4 Fu s vEMOYG LR, 55 ) v AMEAETICET 5l
PR TUE DO ZACII A AL R BER O R RIETlE R <, ~ A4 Fr 7 v NFE ORI e G 28 b ic X
25D THB LML INS, Figure. 4-3-0, p ICIF, BkA LT =F v D+ + U v LIERERP T
HELZ CViEE LDz, ZOEBRER?DL GOxEHiL F v 7 24 Fu vk Rk R R,
HIE I il 2 2 o EIC X o TR RIEIC A 2 2 L2300 h o 7z,

47



i

j/mA cm™?

j/mA cm™?

j/mA cm™?

j/mA cm™?

o]

15

0.5

-0.5

15

0.5

-0.5

1.5 4

0.5

-0.5

FAD-GDH ~ 4 F a7 L&

7 (c)
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-a
(a)
——(b)
7 (c)
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-c
(a)
—(b) /,7“""'
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-e
(c)
'//___-F_
0 0.2 0.4 0.6
E/V vs Ag/AgCl

Figure 3-3-g

2
1.5 4
o 1 A
g (C) /——
<
‘.‘E: 0.5 -+
[ —
-0.5 T T
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-b
2
£
(5]
<
£
=
-0.5 T T
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-d
2
£
(5]
<
£
=
-0.5 T T
0 0.2 0.4 0.6
E/V vs Ag/AgCl

Figure 3-3-f

48



H
w
il

FAD-GDH ~ 4 F a7 L&

(a)
—(b)

j/mA cm™?

-1 T T

o

0.2 0.4
E/V vs Ag/AgCl

Figure 3-3-h

j/mA cm™?

-1 T T

0 0.2 0.4
E/V vs Ag/AgCl

Figure 3-3-j

0.6

j/mA cm™?

-1 T T

0 0.2 0.4
E/V vs Ag/AgCl

Figure 3-3-1

0.6

(a)
—(b)

2 4 (c)

j/mA cm™?

-1 T T

0 0.2 0.4
E/V vs Ag/AgCl

Figure 3-3-n

0.6

49

j/mA cm™?

j/mA cm™?

j/mA cm™?

0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-i
(a)
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-k
(a)
——(b)
0 0.2 0.4 0.6
E/V vs Ag/AgCl
Figure 3-3-m

added sodium salt

Figure 3-3-a, h: sodium citrate
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Figure 3-3-c, j: sodium phosphate
Figure 3-3-d, k: sodium fluoride
Figure 3-3-¢, |: sodium chloride
Figure 3-3-f, m: sodium nitrate

Figure 3-3-g, n: sodium perchloride
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3 - 5
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Figure 3-3-0: CV of (b) from Figure. 3-3-a, b, c, d, Figure 3-3-p: CV of (b) from Figure. 3-3-h, i, j, k, |,
e, f, g (hydrogel electrode with FAD-GDH) m, n (hydrogel electrode with d-FAD-GDH)

Figure 3-3: CV results for glucose oxidation performed sequentially on the same electrode: (a) without salt, (b) with
0.5 M sodium salt, and (c) without salt, d-FAD-GDH, GC-E, loading 600 pug cm2, FAD-GDH for Figure.3-3-a-g, d-
FAD-GDH for Figure. 3-3-h-n, (a)(c):0.1 M phosphate buffer pH7.0, 25°C, 0.2 M glucose, scan rate 20 mV s!, 2000
rpm, (b):0.1 M phosphate buffer pH7.0, 25°C, 0.2 M glucose, 0.5 M sodium salt, scan rate 20 mV s, 2000 rpm
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Figure 3-4-a: Effects of various 0.5 M sodium salts on glucose oxidation currents at 0.6 V, (a)(b): FAD-GDH or d-
FAD-GDH-hydrogel modified electrode, 0.1 M phosphate buffer pH7.0, 25°C, 0.2 M glucose, 0.5 M sodium salt, 2000
rpm, (c): 0.5 uM FAD-GDG, 50 uM complex monomer ([Os(bipyridine)4(imidazole)CI]**/2*), 0.2 M glucose, Orpm, 0.1 M
phosphate buffer pH 7.0, 25°C, 0.5 M sodium salt
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GOx FAD-GDH
from aspergillius niger from aspergillius flavus

Figure 3-4-b: Three-dimensional rendering of redox enzymes (left: FAD-GDH, right: GOx) relevant to the

present study, indicating surface charge distribution. Red indicates negative charge, blue indicates positive charge,

and white indicates no charge. Rendering software: CueMol 2 ver 2.2.3.443.
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LTwd iGN, Figure3-4-b I TIEMEHLIHEZOTR L TH Y, IEICHHEE 72 (X MER
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Figure 3-5-a: Three days of continuous current Figure 3-5-b: Three days of continuous current
response at 0.6 V for hydrogel containing d-FAD- response at 0.6 V for hydrogel containing GOx/GC-
GDH/GC-E in 0.1 or 1 M phosphate buffer pH7.0 at E in 0.1 or 1 M phosphate buffer at 37°C, 0.1 M
37°C, 0.1 M glucose glucose
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Figure 3-5-c: 0.1M phosphate buffer Figure 3-5-d: 1 M phosphate buffer

Os redox responses in 25 °C 0.1 M phosphate buffer before and after three days of continuous current response at
0.6 V for hydrogel containing d-FAD-GDH/GC-E in 0.1M (Figure 3-5-c) or 1 M phosphate buffer (Figure 3-5-d),
37°C, 0.1 M glucose
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Figure 3-6-a: Three days of continuous current Figure 3-6-b: Three days of continuous current
response at 0.6 V for hydrogel containing d-FAD- response at 0.6 V for hydrogel containing d-FAD-
GDH/MgOC-E in 0.1 or 1 M phosphate buffer, 37°C, GDH/GC-E or MgOC-E in 0.1M phosphate buffer
0.1 M glucose pH7.0 at 37°C, 0.1 M glucose
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Figure 3-7: Summary of ionic effect
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4-1 ¥EF

AWTFETILERE 38 nm © MgOC ZEREMD RS & LTHWEZ LickoT, LFEYy 7 AN F
o 7 VERO I - ZENER > CTE L AT/ A — X —F A XINTZL Fy 7 ZAEY v —,
[Os(bipyridine),Cl] 23f1i0 L 72 PVI (polymer I, E * = +0.23 V vs. Ag|AgCl) - GOx - Ze&#IC X -
TR I Nz Py 2 24 F a7 VERMIE, EEEFEICK VIFR L 72 MgOC-E ¢ 37 "Co5ff
TT60mAcm? OEFHII%ZZEK L7 [75], D polymer 3% DfthdRFEMEL ETH L LW I
T& 7228 [76] [77] [78]. % Dt % FLUE R FEM & LT % & MgOC-E o REJEiiE i3 & B Et
EV ) HTHRTH B 2 S EEHE T3, GOx &ffi MgOC-E 13, [FIEDMEH % &4 L 72 GC-
E o#y 12 5o B ifE%Z )1 L 7z, polymer I IZE{LEITCENMN 23 < . BEEOWEEFLTH 5 FAD
25 DEFEEREILHy ZDIDFERIDO AT 4 T— X ~OEHEIFAEHEE L 25 2 Lk
<, MgOC % H\Ww- Bk o RS % a3 2 2o I W T & 7z, —J7 T, polymerl (I, B{LiEITE
&ﬁ%wk®J%C®7/~F%mﬁ%7#~«@%ﬁkiﬁ%%@i&wI%Ckbfﬁ%?%t
DI RNT A =2 e pEN 2R ET 272017 7 — FORICENMNZ T 208235 0, IfihE
L v¥—L LCOIEHDBRIC D %y7»¢uﬁﬁ?57x:WE/&&k®%ﬁk%@k#t;%&
WK WSEMN B HEE 70 b, L LHINEM23-0.07 V vs. AglAgCl LA T IC 7 5 & R DIRITHIE &
D, BERRLKFESERINTLE S 20, @Y aBRLETENZH T 2L Py 72 2K Y) = —%2E RS
5 LEETH D,

AHFFETId polymer IT & L T—0.03 Vvs. AglAgCLICHE{LETTENMN % H T % Os(1,1’-dimethyl-2,2’-
biimidazole),-2-[6-methylpyrid-2-yl]imidazole)?*/** 23 il L 7= PVP [54] [8] [79] % H\»7=, polymer
II X Os $ffAL R ~—FHHAEIRRELRE V20, BIGETTEMIME 2D S b ILEUREDS K &
CEBMEEAP G CTE 2 ABRTTH %, B DR ICEH VT, GC-E LI GOx & polymerIl %
200 ugem? DA Fa v EERH L 2Bt 37°COREE T 2.5 mA cm? Ol E R %/~ L C
W3 [64], I LICKRE RMBEEREE 2 ERT 572010, ZAEEMMEIE LTKB 2L Fy 272
A Fa s EHiIES L L CHWERE S B2 [64], Lo Lad b, o KB EMiTE Mo il i
JifElx GC-E ©72o7 3fERETH 72, KB BERBL UL Fy 7 AR ) ~—D@Ex T, 7
I — ADOYEZMERT L 72 2 & 25, ZOIFNEREMORFRHEZEEZ b D, AIFFEICEWTIIN 2 ETH
i L 720k EEERIC X 0 EBLL 72 MgOC-E _EiZ polymerIl & GOx %#{&fifi L. KW IGENMTDH &
W RE 2 R T & 5 7V a — AL EMROFR %2 i A7,
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4-2 EBFH
4-2-1 %I GEHBEROMER

2 EEZSMH

4-2-2 A4 F oy s

HHEL Ny 72K ~—0@EBEHA 1:1107% 5 X 5 ICRE 72, R 1 1E GOx (from Aspergillus niger,
featisErk X ath) (40 mg ml!) ¥ 721 FAD-GDH (from Aspergillus terreus, HMELEA &4E)
B (25.2 mg mI) % w7z, L F v 27 2K <—i2x[Os(bipyridine),Cl] 23 L 7= PVI (E° ’=
+0.23 V vs Ag|AgCl) (polymer I, 6 mg ml'), Os(1,1’-dimethyl-2,2’-biimidazole),-2-[6-methylpyrid-2-
yllimidazole)?/3+ 28 ff fin L 72 PVP (E° '= —0.03 V vs. Ag|AgCl) (polymer II, 8 mg ml') .
[Os(dmbpy).Cl,] 23fhnL 72 PVI (E° * = 0.1 Vvs. Ag|AgCl, polymer III, 3 mg ml")® 3 fHfE% F\»
720 % Dt poly(ethylene glycol) diglycidyl ether (PEGDGE, molecular weight 500, 8 mg ml!) % GOx -
L Fy 2 ARY 2 —RBRAEBIRICZ 72, 2GR OERIIEFERICE > THFAA F e v lEFEO 10,
15, 20, 30% & L7z, ¥oEmEY 720 1000ugecm? &b X514 FuZ Wigi®zi Lz, ~ A4 F
o 7 VIBEATERIER i Ot%, EE 4°C18 FFE o & Clzlg <2, 7 b %217 - 72,
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4-3 polymer II &ffi~ 4 F v 7 VB OREFETE

Figure.4-3-a (d) 1€ 7'V a3 —ZIEFFE P iIc BT 5 MgOC-E L polymer [ Dfg{LETTEY — 7 #/R 9,
ZDZT7 7560 polymerll DENLIZ-0.022V TH 2 Z L BRBI N, 7277 7(d) DME{LET
Y— JHE» D, BBICRELAT 4T =2 LTHWT W3 Os #ROYEEZEIHT 2 &4 2X
107mol cm? TH B T &3y hotz, TDILHHL Fy 7 AL Far VEMIEREOERICEMm I
fH¥f L 72 polymer II 231321 97 R CTEMRMIC T T 2 BLETTICICHFSG L TW5B Z Lrbr o,
Figure 4-3(b), (c) 1 MgOC-E, % 7z21% GC-E Ei2 1000 pg cm?D A4 F a7 vz EkiL 2o CV
THb, HWEIZIT?C 05 M 7 NVa—REETICTHEZITo7, 777XV, 7ra—REELK
JCDOFAMREN12-0.012 V TH Y EHEIRICET 2ENNIZ 035V THb I edbhr b, MgOC-E ik
J270va—ABLEFEBERMEZ 45 £ 7TmA cm 2 TH Y, Zix GCEMRIC 51T 2 Ml E B e
(Figure 4-3-a(c)), 2.3 £0.1 mA cm 2Dy 20 {5 Td %, Figure 4-3-b i MgOC-E D filt i 75 FiifiE D If
M2 R L 72, FEERIZ 8000 rpm & \» 5 i 72 56/ C 10 43[EAT - 7z, Figure 4-3-c i~ 4 Fra o
DZEREHIE & L B TUE - e OB Z R L 72, Figure 4-3-b T/RIE Y 7V a— XELofih
BEMEIL. A P SV OREROFEIKFEL T 2 enbh b, $XTOEMICE TS
Fu s voAEHERFEIX 1000 pg cm? TH Y, HEIED GOx/polymer/crosslinker = 40:40:20 &
42.5:42.5:15 DEIAITH VTR D & IMBEERE L (50 £ 8and 50 = 6 mA cm?) ABIHIE niz, ~A
FrrvoGeHERRIIEE I N TW 270, BEAIOEELD 10 %55 20 %~ N3 2 & B
RELATAZ—2ORIFPDPT 5, LI LR OREEROERLAEMNT 5 & &\ il E TR E 0 8152
INTVBEZ Ehs, BRISEDFEN LR > THE Z ERRBEIND, FRICHEBHIE GO
L o T EHN RERICEDLEMED [ L Tw3,8000 rpm OIREE T ICIH T % 10 2fE D HEIE D&,
RIGAIE & 25 10 % D Wy o i B FAE (XY HAERME D 70 %A T & 2o Twd, Lo LAEGEAH %
159%~20 % F CHEIME 2 % L WIHHERMEDIZIT 90 % O il Fifl % HEFF L 72, ZUEHIERE 10 %0
EHRD 10 53 O WE D FiL T, B/ X LT % Os RO LRI v — 7 Hifi % Figure 4-3-d 12 Tlb
L7728 ZAZLIRIZIEED o7z, 2D 2 & D EFEORA IZEEROMMIC L 2bDTH Y,
B E%Z 15-20% % TSI 2 L CHEEDREEEBEIC R 722 L3RRI NS, EEFOEIAIT
ANA R a7V ERR D EFE RN & BARICE D RERICKRESHELE X5 Z L3027, Mao b
I polyemr II &[AIFRICK Y = — T L AR Z RS AR—Y —DR I D 13 KEFFROLFy 7R
R ==l Fur 7 VERICBE L TREZ L T2 [39], o oWMEIc L 2 L RAR—F
—ZHT L Fy 7 AR v -GG, RERREZECTIIEL Py 7 2R ) ~—OE I
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WL R S, ZEERIED 0% DR & 25 % DRFOYLENRE Z I3 5 & 25 %DFRIZ, 0 %DEF D) 1/20

70

j/mA cm™?

_10 L] L] L] L] L] L]
-0.4 -0.2 0 02 04 06 08 1

V vs Ag|AgCl
Figure 4-3-a: Rotating disk CV for glucose oxidation catalyzed by GOx hydrogel with polymer II modified on
MgOC-E (b) and GC-E (c) electrodes. Curve (d) was observed on GOx and polymer II-modified MgO-E. The
scan rate was 20 mV s, (a), (b), (c): 0.1 M phosphate buffer pH 7.0, 37 °C, 0.5 M glucose, 8000 rpm, (d): 0.1
M phosphate buffer pH 7.0, 25 °C, in quiescent solution

100 . 80 100
L & °
90 o v Q S 60 - o O o [ g
c £ c
5 o s ’ o o :
3 80 2 40 A - 80 3
® ®10% - ©
= . =
=] 0, = B
70 ©15% g 20 - - 70 ©
= 20% Y z (o] =
®30% ©
60 T T T L 0 T T 60
0 2 4 6 8 5 15 25 35
time/min. content of crosslinker /w%
Figure 4-3-b: Stabilities of the glucose oxidation Figure 4-3-c: Dependence of the catalytic current
currents for hydrogel electrode containing 10, 15, density (blue closed circle for left axis) and residual
20, 30 % of crosslinker, 0.1 M phosphate buffer current (red open circle for right axis) on
pH?7.0, 37°C, 0.5 M glucose, 8000 rpm crosslinker content.
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3
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£
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5 s 30X before
e GOX after
-3 T T T T
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E/V vs Ag/AgCl

Figure 4-3-d: CVs of redox of Os complex on MgOC-E before and after Figure 4-3-b experiment, 0.1 M phosphate
buffer nH 7.0. 25°C

D 0.3X10° cm? sTETHWAL T E, — /T TAR—Y =2 1 FFREDOL Fy 7 AR -2
FRICITZEMGAIE R 7 %I LB IR O S KA B, Z DRRIR 2 ITHEEUREL SN T (7 0 B8
&R 25 % CRAMEDHK 2/3 D 2.3X10° cm? s 2R L7z, 4 FuFr VIEN OB FIREURENE. R
Y = — EFICTAN L 72 BRALETT 0 (Os SEAEAL) O RTB R ICIRE S 5. ZRIED S T 75 2 12 Os #ifk
DOR[EIER T30 | FERIICILEURED NS (o2 b B2 b D, TLARE & Ml e v fiE 13 el
fRICH 5729, Mao L DIFFEAER L D, polymer I DX 5 R WAR—F—%HFTLL Ny 7 AKY
=AW GAREBHR 2T & T, MEERMEIKE (P T 23T chs, Ll
5 MgOC-E W 72 AW I B\ T, ZE@AT 280 L ¢ b BE i ERE oA IE /A 37, 56
I 10%2 5 20 % F T3 L ETREOEMMABE I Nz, ZOFEER2 5. MgOC-E LicA F
o F A EERL 256, B2EAEEC LRI RWAR—Y—DRfizkbIic, e L TOX
TELZIZERT 2R TE DT ERREINT,
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Figure 4-3-e [#fEERME DA F o sy MBI EKEE 2R3, MBEREIZD R LD 1000
pgem 2 ECEAMINTIEML T3 2 & 2355205, polymer I 1 Os $EATINL & F Y ~—FHZHER
AR—=H =PRI BMICICEHT G TE B OCEBE G, Z072DEH LV Fy 7224 F R
TADIZIET X THBEMIUCICHF G LT LEZLNS, 5 2 BICTAR—Y —DRIBPH
polymer I Z H WA DB BIKFIED FEER 21T > 72, T OEEITITELFIEIfRIZAT 400 pgem? TIlEE
o7z [75]e RWAR—F—%2HFTELFy 7 AFR)~v—%HwT, GC-E (o7 8H504 Fas
OB & Al E E O BIfR M2 Heller HIC X o THREIN TS, K5 DFEERICH W THIHFED

60 120

' 50 A l 100 - o
Q I
: £ o ¢
__g 40 @ 80 A @
Z 30 4 o 3 60 4 ®
: : 10
2 20 4 o 2 40 A
g ¢
= 10 - 20 3
[}
0 L] L] L] L] 0 L] L] L] L] L]
0 0.2 0.4 0.6 0.8 1 0 2 4 6 8 10
hydrogel loading ‘;"g cm2 rotating rate}’lOOO rpm
Figure 4-3-e: Dependence of the glucose oxidation Figure 4-3-f: Dependence of the glucose
current at 0.6 V on the hydrogel loading, 0.1 M oxidation current at 0.6 V on the rotating rate,
phosphate buffer pH7.0, 37°C, 0.5 M glucose, 0.1 M, 0.1 M phosphate buffer pH7.0, 37°C, 0.5
polymer: enzyme: crosslinker= 40: 40: 20, 8000 rpm M glucose, hydrogel loading 1000 pg cm?,

polymer: enzyme: crosslinker= 40: 40: 20,
phosphate buffer pH7.0, 37°C, 0.5 M glucose,
hydrogel loading 1000 pg cm?, polymer:
enzyme: crosslinker= 40: 40: 20

Table 4-3-g: Previous researches

MgOC .
CREAFIR) ;‘*\%5",;3 .
: 38nmOMIFLEB T D sl
1000pgcm-2
TYvFI>ITSVH 8mAcm-2
chZES )L EoEEES I\ ROSIUEERE :
R 200ug cm2
SR TATY - Brahiome
B E=EEBETD ‘ )\ ROS)EERE :
1734pg cm
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BIBEG 12 1000 wg em -2 % TR T/ [39], Figure 4-3-F1% 0.3 V i< 513 3 B it o B
(R EAR AP 2R 37, AL HAE (X 500 rpm ¥ CHEARANICHEIS 2 23, Z D% 1000 rpm 2> & —ETH
H~E2owTWnh <, 500 rpm I3V TH 8000 rpm DD 60 % DfifIEERMEZ H I L TWwW 3 mHn b,
ZO~wra- A EERGESYVEEEICIEF ISR TH 5 2 & BRI N7z, GOx & polymer 1 %
WMAHEDETAA Far VEBOEITHIZEIC 2T Figure 4-3-g IC £ & ® 7=, KB FialkKHEME
MRS & LT L 220523 Th T 3 25, AW Cld ik OWTFERER L 0 b & il 8 i fiE
ZERLTWBE I EB0H 5, THITHE 2 HBEFERIC, 2V —= 7 oflOEMEREG L)L ICE)
WRERTH B EFE 2 b D,

4-4 3TEOL Vv 7 AR Y v —%BHiL 7z GOx ~ 4 Fu X A 5H#i% FLE BB LB

polymer I, polymer II % L T polymer IIl @ 3 f#HDOL F v 7 2K Y <—& GOx ¥ 7213 FAD-GDH
A Farafbic X o T MgOC-E LICHEE L 7z, Figure. 4-4-a I 3O L F vy 7 AK Y v —D
(LB ITC Y — 7 2R L 7z, RFZEREE X 0 MgOC-E _EICiEifi L 2B &KL F v 7 AR ) ~— %2 EE{LE
JtEENLIE. polymerI: 0.24 V| polymer II: -0.015 V, polymer III: 0.19 V T& b ., K/NEH{%R (T polymer I
>polymer III>polymer [ TH o7, HESINTWEH AT 4 T— X DIE{LEITTEN X, polymer I:
+0.23 V [10], polymer II: -0.03 V [54], polymer III: +0.1 V C& Y Figure 4-4-a T/~ & L7 (L= TT
BALK D HK, B~ OEHiIC X 0 BRLETTEMSIEMICS 7 P 2B IO wTiE, 52Tk
R\,

Figure 4-4-b iIC13 3O L F v 7 2K ) ~—%{&ffi L 7= MgOC-E ., 7' A 22—zt CV Dk
R L7z, 73— ADBRITEN & X T 4 T— X OMLREITTENM DL 7N 3 — ZAFEALR)E DX
270, ZOEIVNT 513 EBEERME RN E 725, GOx DRE{LETTENLIZ-0.43 Vvs
Ag/AgCl D729, Os ko g(LETEMNIZATH 213 L, MIEERMIZ/NE <%, —J5. polymer
II {EffiTE M D CV % polymer I D b DIClb~FRILEITTER 2 0.25 VA~ 7 F LT3 Iic b b

3
s 0lymer |
2 o s polymer Il v
polymer Il
a1
B
<97
E 7
—u_l I
-2
'3 L] L] L] L] L]
-0.4 -0.2 0 0.2 0.4 0.6

E/ VvsAg|AgCl
Figure 4-4-a: CVs of redox of Os complex, + 0.1 M phosphate buffer pH7.0, 25°C, MgOC-E, hydrogel loading 1000
pg cm?, GOx modified as enzyme, polymer: enzyme: crosslinker= 45:45:10 for polymer I, polymer II, 30:30:40 for

polymer III
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Figure 4-4-b: Rotating disk CV for glucose oxidation catalyzed by GOx hydrogel with polymer I, polymer II or polymer III
modified on MgOC-E. The scan rate was 20 mV s}, 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M glucose, MgOC-E,

hydrogel loading 1000 pug cm2, polymer: enzyme: crosslinker= 45:45:10 for polymer I, polymer II, 30:30:40 for polymer
1

O3, MEERME IR Z v, 2t Os itk e R Y v —FHEZ{HRRFHIBIR V720, BEHEDOIE
PEFFO O DETHIEEZNRNIITI 2B TEL0LTHDL, EHIC MgOC-E o~ 7 m-2 Y [EE
W& IC X 2 M e e iE 2 polymer I & [AlBR, (K WER{LEITTEN ZH T 25 polymer II Z H\ 72 A4
FaZVEMICE W THIEF ISR TH 2 2 LAREIND, BEAME L LT GOx zHwizHH,
A R a VBB MEE TG 0.6V 123\ TiX polymer I > polymer II > polymer III & 7z - 7z,
polymerI 132 D 3D K Y v — D Cig b LEITTEMNAIETH 5720, i d @\ AR TME Z 7R~ L
720 —J T polymer Il % polymer IIT X ¥ & ML EITTENL2 0.2 VL BB EATH D 255 m B
EERIEKTE DL, polymerll DHT 3R WAR—%—I1C X > T Os RO A[EIERREL 7255
TH %, Figure 4-4-c KRR DOL V¥ v 7 AR Y ~—fFH & lEREZRICE L DT,

redox redox current density(mA cm™)
spacer _
polymer potential(V)  at 0.6V at 0.35V
polymer | short 0.23 53.6 28.6
polymer |l long -0.03 45.0 42.7
polymer Il short 0.10 23.9 18.2

Figure 4-4-c: Parameter of redox polymer and hydrogel electrode with GOx
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4-5 FAD-GDH f&4ii Sk o et il

d-FAD-GDH 2B L Tii#E D& 1T, polymer I & i 4 Fu b L 72BRicid 25°CoERES
ICH VT 60 mA cm2iE < DIEEFREZ R L T3, AR LFRED 3T°COBREE Tl 2 0K 2 {558
 DIIRETRMEZ R 2 L AT EIN 3, FAD-GDH % % polymer &~ 4 FuZ A L L7z & 2 Afih
PR FAE L polymer III>Polymer IT & 7z - 7z (Figure 4-5-a), d-FAD-GDH & polymer I # A &b+
BRI IE R W AR = — DR IIE O N T ERMEILIEF NS o, TORRICOVTIE, 1. &
MikEE, 2. BRI OFE, 3. AT 4 T— 2 ORLEITCEN., 4. BREOBUKIED 4 5D
TEL#1TH, $9 MgOC-E & GC-E #F|H L. GOx & d-FAD-GDH o ffliiEfifE% kg L 7= & &
5, EHLoEMEHVZEEATH d-FAD-GDH O fit litE iitfEid GOx 0#y 1/5 & 7 > 7= (Figure 4-
5-b,f) TOZEDPLBHEEICL S TAT AT —ZDRAX=F =L THARVDITTIIARWE
E DGy o Tz FIERIC 2. 18D W CHEEPRZELIE %2 1T > T\ FAD-GDH % @fifiiit e L <fb b
AR L 72354 T b 12 IR o il i i 23F & 17z (Figure 4-5-¢), fit\ T X 7 4 T — & Ofig{LEIT
BAICONWTEE S B L. A terreus D FAD-GDH 134 7 F ¥ 7 v ® a2 0B {LETHE D X 5
7201V HEDBLETCEMEZE T 2HHA T 4 = —2 L oI X v, Hl21E—0.14V fHTich
{LEITTEN.ZH 3% 1,2-naphthoquionoe % X7 4 =—x & L CHWZH4A, FAD-GDH o &1
SR ERL GOx DD D X Y D 2~3 HTKZ v, Ross b DIFFEEREIC XL 5 & 1,2-naphthoquinone %
ffmL71v ¥y 7 24K Y <—3 FAD-GDH OB T8 % it X 7225, GOx 2w H&AIciiz o
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E/V vs Ag/AgCl

Figure 4-5-a: Rotating disk CV for glucose oxidation catalyzed by FAD-GDH hydrogel with polymer II or polymer
III modified on MgOC-E The scan rate was 20 mV s!, - 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M glucose,
MgOC-E, hydrogel loading 1000 pg cm, polymer: enzyme: crosslinker= 45:45:10 for polymer I and polymer II,
30:30:40 for polymer III
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L BB RO N d o7 [38], WIRICEERDBUKIEICOWTED, GOx I3RS AEM %
WOTEY, ke LTBKECHENTHE Z L3005, #D—J7 FAD-GDH O£ I3 #EER D
BOKMEDE 7 23% . A~ —H —H REHD 7= o BUKERALF oM BAEH I X Y FAD-GDH @ i~
WA, £7-13d-FAD-GDH ¢ £ > T L £ 95 2 & TR_—F—2EHYNCA[B) L 7220 o 7= A[BEVEDS B B,
2% Y polymer II Z#lAE b BRI K E B ERMESBE I N A» o 2 FHRIE, L Fy 72K
~—DELEITCE MO PEMOKREILEIC L 2 b0 TIdRLl ., D THOHEEHICX > TRR—
HF—2 Os SRR D 0 12720 TH B, DI LD LHHEOTEIC X » CTHY R R ~—
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Figure 4-5-b: CVs of MgOC-E with GOx or d- Figure 4-5-c: CVs of MgOC-E with FAD-GDH or
FAD-GDH hydrogel, 0.1 M phosphate buffer d-FAD-GDH hydrogel, 0.1 M phosphate buffer
pH7.0, 37°C, 0.5 M glucose, 8000 rpm pH7.0, 37°C, 0.5 M glucose, 8000 rpm
6 10
e (| -FAD on MgOCE
4 81 ——d-raDonGCE
N 2 & °
£ g 4 -
o 0
: £ 2
= 2 0 4
4 4 === 1M phosphate buffer S
= (),.1M phosphate buffer
_6 L] L] L] L] _4 L] L] L] L]
-0.4 -0.2 0 0.2 0.4 0.6 -0.4 -0.2 0 0.2 0.4 0.6
E/V vs Ag|AgCl E/ V vs Ag/AgCl
Figure 4-5-d: CVs of MgOC-E with d-FAD-GDH Figure 4-5-e: CVs of MgOC-E or GC-E with d-
hydrogel in presence of 0.1 M or 1 M phosphate FAD-GDH hydrogel, 0.1 M phosphate buffer
buffer pH7.0, - 0.1 M phosphate buffer pH7.0 or pH7.0, 37°C, 0.5 M glucose, 8000 rpm
1 M phosphate buffer pH7.0, 37°C, 0.5 M glucose,
8000 rpm
2.5
> 4 —GOxon
GCE
] -
£ 151 —d-FaD on
< 17 GCE
£
= 0.5 1
0
-O|5 L] L] L] L]
-0.4 -0.2 0 0.2 0.4 0.6

E/ V vs Ag/AgCl

Figure 4-5-f: CVs of GC-E with GOx or d-FAD-GDH hydrogel, 0.1 M phosphate buffer pH7.0, 37°C, 0.5 M

glucose, 8000 rpm
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4% [KEML Py 72 AFR) = —

V=% HITBHLFY 7 RAK) v —DHRFAVBOBETH D & 030h -7z,

%3 EOMEEICT, polymer # 72 d-FAD-GDH &ffi~n4 F a7 v &Mz ) VBN Yy 7 7 — DRE

B3 &R TRES M L 72 [10], L2 L7235 polymer Il # W72 AREERICEWTIE, Vv

FERRAR DR Z 0.1M 2> & 1M ICZE 2 C b il A A S 2 2 C & 13 72> o 7z (Figure 4-5-d), 4 A v~
DB O T CTIE RS VN vy 7 AR ~—DfEHEHBERED 5 2 & 2305 - 7z,

4-6 W

Os(1,1’-dimethyl-2,2’-biimidazole),-2-[ 6-methylpyrid-2-yllimidazole)>/** 231 il L 72 PVP (polymer
ID% GOx & 3z, 38 nm DfflfL%H I % MgOC-E IcEET 2 &, 0.3 VICEWT50 mA cm?D 7
Va3 — AL ﬁ{ﬁ%ﬁﬁ(ﬁl L7z, 20 a— AL DBRENIZ 0.12V TH O, ZhBEEICRE IR T
7L F v 27 2K Y ~—[0Os(bipyridine),Cl] 23 L 72 PVI (polymer I) Z F\ 272 X 0 3 0.25 V {K >,
KifFEIC B\ T GOx Effi~ A4 F a7 A EMIZ FAD-GDH % 7213 d-FAD-GDH Z W 728& X b 3K
T /3 — AU E % R L 72, 3TSHO K Y ~—% GOx & FAD-GDH o 2 HHORE R % %
NEZRHWTHEL 72 & 2 A, FAD-GDH i/ L T polymer 1T 283 % 2= —H — 23 +43 @) 2 7x
Dol EDRRBI NIz, TNIFEMOWERLL F Y 7 AFY v — DM{LETENMABE TIE AR, B
FLFy I AR) =D A=Y MO FHEHAEHSEEL T tEZOND, BER L Y
7 ARY ~— ﬁ®f\¥ﬁﬁﬁﬁﬁ L CE L2 AN ETH D, TREIETHONIAA
IR DRI X 2 EHED MO MEENIAREF R ClIfFoNhdr ol BELTTELRL, LYy X
KY)~=w—2¢& @fﬂ%l/\ib%i‘ bERE L7 LT, AL v OERTNR LB D 5 2 L Hnh o7,
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RFFETIEANA ARELEM - N[ F 2 v —~DJSHICHF, 7V a—RBLEBOREN - Ho
R D 7= O ICEMBEE D E L ERE O ERZHO i L, ERE O E 7V a2 — XBLEMD
LA - WMt D7z EH L 72, BERRICIE PREIC O W T2 3 5,

1) MgOC % &EfiE5 & L, 7 r a— gl (GOx) #fEHL7ZL Ky 2 24 FaZ A fl L a
— A CEMO R, B X O, BREEROBR AR~ DR ORI (5 2 %)

2) BIFEMRY D FAD-GDH %l L7214 Fa X VB~ D20 (5 3 %)

3) KOBBLETTENEZAETILF Yy 72K~ =220 a—2BEEMOER (554 3)

F2ETE I Va—Re vy —OBEMAE L L CTROASHEHINTE LR TH 5 7 v a— REl
% (GOx) %l L7z~ 4 Fa X vEMRIC oW T L7, BREEom L% Hig L., FEMfLEE 38
nm ® MgOC % Bt & L CH W2 WEEREICHE L 728+ um 34 o~ 27 afl2ERT 57201,
KEEEEE VT, MgOC %29 vy —h—KRvEM (GC-E) LIicEhil 7z, =27 n-x v REkE
#H9 5 MgOC {&fiFEM (MgOC-E) FicL Fy 224 FuaZArzEifilze 25 GC-ED 13 f5E
7% 60 mA cm™? O fif iR EE A L & IR L 72,

MNT Y 2T 77T N4 2e LTI, 37°CT, 3 HEOEGHHE IC B 1) 2 REWZ T~
oo WBAKFEDRIFTR DO I X 7 —¥ % GOx L4 Fur vdicfEhfiL 7z, 37°CofEERfIc s
WCIWIAERME O 8 Blo B A 3 HiEkt e Ligd 2 2 LA TE /2,

BT, A Far VEMRICT 2 BREOHRE O TR Lz, AR TR, ~4 F e L&
B R 52 2BMEOEI %, A7 v A XX =K o THHi L 720 ~ A4 F a7V ERRO fil i i
ERFET 27 = VREICKELSHEEEZ T, T2 0FBEOREI IR 7~ 22 =FFICHI ) L
HOMERICH 5 T L b odz, TORFRIFA A VIREIC X 2528, LWMA E08BcE 54 4 v ol
BICK2BEHR - AT 4 =— 2 OFENHLERHOZNIC X 258, ~4 Fur v o - BikshE
DAODHEILLLZbDIELEEZLND,

% 3% Tk, FAD-GDH %#1{&fiiL 7=~ 4 Fr 7 AEMRICOWTERE T 5, (d-)FAD-GDH % H\w 7z
ANAFaTNERDA F v OEETRIE A, GOx DFER & 1B 2 _NTOFERL ) | FF
IZy A PRy 7T A v R G TCITERMES BN 2 #R 235 57z, FAD-GDH D& AT
WX GOx X W REICADEMEET LT I /BID R, AT 4T —2 & OFENRMAEIEHDT
V>, FAD-GDH OiEHEMEIZIEBMICHEL TWE20h4 by 2724 VARG LR T, &
T DR DE T = v BSEEREICRE T2 2 L C, EBHOL Fy 2 28) ~—& oMHAEH
BEdobeELLND,

—75. LEMEICE L T FAD-GDH 4 Fu s v &% 37°CoRE clfbdii x4 % &, 3 Hifo
HHOE DR 0.1 M D Y v BARER T CIIVIHERIED 3 %ICE TERT L7225, 1M DY v BRI
Hicld 3 HifomfiEln < b WIHER D 41% D REWEHFFL 72, X O ICERORFFZ R 5729
i, 38nm OMiFLEH T % MgOC-E #flaabe s 2 & T, 3 HE® 37°CT ol Eic s T bl
WIETE D 59% % MERr 3 2 REMZEK L 72 [80], ARMFFEEEL . 7 a— X ELEME L TEH
It - ZEICH T, BREOMBESLRELZFHET LI HiLwT Te—F 2 AL 72,
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FARCHEBLRTENEZAET AL Py 2 AR~ —%2 AL 24 Far AEBICOw T L
7o KRETIZ—0.03Vvs. AglAgClICBELIEITENMNZ A L, Os itk R ~—FFEE R AR—=F =28
RwL Py 27 2KY<=—t MgOC-E 2w, ZOFitEZ~7, polymer I Zfl\v2% Z & ¢, GOx &
fifi 7 N 2 — WAL OGO BHIRBEALIFF 02V &Ice 7 F L, EWBRIGET 3EMD X v Afllicy 7 +
L7=2Z LR TE 2, AR ED 45 mAecm? I NECOMRLEHANTHROEVERBE L 2
> TH Y, MgOC-E 23R 7-7z072 e F 2 b b, —J5TFAD-GDH %A G b4 72 FRicix
BEWERBEEIZERTE Rd) o7, 21k, FAD-GDH OFEH & 2= —%—23lj /5 & b BUKHTH 2

T L TRAR—H—pWRREEMHAFER L, @U@ ozl LR EEZLON S, T 28
REICEDE THEY R AR — 2B AT 2 BE R H 2 Z L3rho T,

MgOC % &5 & L= fLERFEMRE N4 Farrzilladbe s bick > T RELL B
JizkmET& 5L EIRNLT, B{LEITEA DK polymer T IZXf L TH MgOC 23 %R TH 5 &
N L7z AWPFERERIE. T CIRLLERFMEIORN 2IEHEG L L T% < DRI T &
NTwb, TELIOFERIIIN T —AWALEMZ T TR, A4 Far vl v — o RITIIE % 7]
BEICT 2R EDOffRICHDICHEI N TE Y, <D BFC: 2 v ¥4 —DnBCItHTE 28l 2 b 5 3,

EBREL L CRET 2 A4V ABEAGOREEZ R L, O8R4 Fu s i b ol b
¥ N a—2@LEME L COLRENICHNT 2 22230 o7, LICEMRLTIIME~WE TS
ECAT 4 T — X LHRBOFENMHAFRICOEE L5 2, Hhzm EX 2205 b FHH L 72, AR
FAERIERE & A4 P X VEOREOBIGRYEZ IS 20 L 2f5efl & L Tik% 7N 4 Friic
BT 2 c TS aInTE Y, EA-EMEOMEE - IREZZEZ 5 LICXVEEE - AT 4 T—X[HD
SGHRE % Gl L. Wi MO Z 0+ 2 & v o 2BEMRIC 2Rl >TwnE, DX i,
NA P BTNV E R =R L BEREMIEMRIL, BERICAMEZ» T2 2, BHIFRT L 0T
T, PERIICIIEIAWERICHEHARE TS 2, SEIZHFIMOBERKICICGER X 722, HAHERR L
A VCICH RS S,
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