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EREOEE Nl Hic chE CIRIBDBNEES - 725K R EiIconWT % L OB SIS
LKoo TETw, oD —2Ic, kAP n T & BRHIC T b 5 I#RIH
FHRIDD 5, FEEOHRAICHE O TEL K OFITHA LMV BT 720 O & L RfH A3 IC
o THY, YIHEBOBEHILAYME RO T 3720022 ) —= v @R ORI RLSEE
Lo T b, KR TIHIEFS K OFEIHFE I N T 2EEREFANICEH L. BERHEE
FloR 7Y —=v 7GR AR 2 s DT T2 2 1T o 72, BERRHE % 5Hli 3~ % 72 0 1c a6
R BEROC OB MR L U<, BIES RIS Cw 2 8 lER IR b v | B Al
EFE R L 7,

R 7 BE R0 —D2 TH 5 BXULAHEE X, &EHIE 23T RE 2 HIE O FIE23 5 )
DR T b B A, HIEEAE 2 % & BAREHE 2 5 72 0 HIEBRESHIR E h 5

Light Addressable Amperometric Senor (LAAS) %, fEkDELALFAME HEICH~ T, i
DD I ANA AN =Ty PICHIETE B L TH 2, LA L, 2D+ v HHEEIC
K0, e FORMMBI/NE SR REMETLTLEIMERYED -7z, T OMEZMH
WF 2w, APEREIES AT L2754 AR L ORRZBHMOT T a—F 2 b
EERELEICHY #l A, @EREAAFEZWO 2T 2 2 L2 HIE Lz,

RIFFETlE LAAS OB % fifi L CHREZGE T 2720, T D 5 DDIHEICO W THf
Fex{To 72,

OLAAS Ik 2 7/ va—R4F v X —¥x i 7 a— ZREANE OIFSE (ARG 4 &)
ARERBETTHEZED —DOTH L/ a—2AAF L X —E 2T, Ao/ ra—RiE
BEICxt S 2 BIREZHIE L 720 £ OFER, 40 mM ~ 1 pM @ 7L 3 — 2100 L CERE O
FERIFMEDS B 5 2 ESHIH L 72, $72, v a— 2 & 2 a— 2 LIS o BB S HIE L 7= 45
REWLWS 2 L, 7N a— XDEFMEIZM O HREE & A~ 8 525 10 f50&ERMEZ 1 L
2o THICX OV AREOHIES ZF LF 7 A3 — 2K LCORERMEEZFOC & L 2IC
Lo 7NV —RAF o X —¥hBEHTE /22 & L0, hoMETTEEFR I L THICHA
AHECH 2 Z LI NG,

O&JaE/p BIE Ak 3 v b ¥ —#& %72 LAAS DR (ARG 5 %)

FALETTWE DR ET 252 2 FOBRRICOMEICHEL 25 LT, @F/p B8k 2
v b ¥ —EEAS M7z LAAS ORUETEORE MO ERe DR 21T o7, Cu/Si ~ = v b
F—EA, A/ST v ay P F-BEAEEHVE 2 O LAAS ZHIE L 726858, MHERRIE
Al/Sivay b ¥—EA%HAGE LAAS I 6.2uM & Cu/Si v a v b & —&E M0z T A
A 21F 74 pM &R L7z, Al/Si &3 v b ¥ —HAZH\ 72 LAAS OF 035 IR IR 2 R
FTHEER L o7z, ZTNIT Al OHEERIED Cu IR TEW20, X VAW EZE R L.



THNER LR L MR TH 2 EHEL 72, 207D EFHBARO K EEEMRLEE I35
WIRHR R Z O F AN 28R IC O 5 Z LI NS,

OFEIKIEH T I % F v 72 LAAS HIE O WF9E (R 6 &)

LAAS ICIRSF R v H2ERENT 220103/ 4 X2 PR LUES 2+ 2 2 L AHE
HTh Y FoNMEMZ RS 2 EHE 2B E%?é%%ﬁ%éo::@ume@
I ARG LR I NS Y Y TANRBED KD ERIT RO E RN B 72012, JEKIEE
W% FA R 4 DI LETCY IR EE IS 3 5 8 ﬁ{ﬁ%(ﬁlibﬂﬁnﬂi%ﬁof:o Z DGR, I
IKBWEED 75 v 7 DY v TIOEIER O EIRESTFET 2 2 &b LAAS 0/ 4 X
BT 13K DBERDFREDRETIR W 2L 7=,

OHEMEER %72 LAAS 754 2 DFFE (ARG 7 =)
%@%%k%%/%@ﬁi 2 BIMEDO MR SBHIRA A EIc2 285 L \wWHEZ %
VNP @@*ﬁf%mané BIMEZ A X2 2 Hf IO W TRIFFED T N4 %
/\@ﬁﬁq%uﬁ&fuo N ETFE D[ EIcHW O N2 HEEREZEA L7 LAAS 74 &
DRUWETTE O K OTERE DR 21T\, EHERZ 72 LAAS 7354 203 8En]fE
%o%y&aLfmomM~1@4Edd@&/ﬁ&UM#m%F%@%ho;aiD+A
BHREZFFOZ L ZHLIC L, £z, EEEFEN LAAS & HuESEHE LAAS %
s 2 &, EEREH LAAS OMERRS 17 uM %78 L7z, C duid B0 B e H
LAAS @ 270 pM IR CTRWERIBIRA 2R3 2 L 6, BEER G SEEAICHE R = Fik
THLHZ EERLT,

Oxthi & VEFIRR % [R384F & L 7= LAAS I 75 DR 5E (30 8 )

FomLFEIRIC ) 4 X R FE L CHERR T 23da & L <. BB EIRE ICKEFET 5
EWENEIFICOWTHRET L7z, Ay 2 F0RUC Xk 3 & BLETCYE 21T 5 IREET
3. BLE T E R EMEMN ZREL TR0, KD X 5 2 “EHRICE W TEMRE
u#iﬁmaénfétobﬁt BN 2 7 2 IREEIC B W TR T E 2R O
FF(10 nM ~ 100 pM) I BEMREE AL 2 HIE L 724558, 250 mV ~200 mV 13 EDEN DD 5
azﬂ%ttoit_@ B AZITHHT -0, ﬁﬁaﬁ%ﬁ#%&%%ﬁ%%méﬁﬁ
WL CHFEM ARG H LW HEZREL 72, 4 oFUETTYEIRE OHIEIC BT, [FH
M ITiE L BREM O TR L L 7255, H%M@ﬁ&iﬁﬁﬁh@%mm@ﬁﬁﬁw
flx 4, 17 nM OBBRA AR L2, ZHIZRBMEFOTED 210 pM X Y @R
ThHb, TNICXY WG ERRE Z 5 2 2 Hik I EEEICENTH 5 2 L 2VHHL 72,

PLEX Y, AWt5ECld LAAS OEIfEIRE Z &0 2SR L~DFEZW o it Lz, ZD
iR, LAAS D@ ICEM A FE2HAT 2 2 & TRIBIRFIZ 17 oM e HEE I L, K
MEDOHMILEK I N EZ LN,
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11 BEREEA

NI OfERE - RIS [11Ic X 2 & 20 FIE L RTICEIR LA EH SN2 L 2 & o F I,
HEREFEI(WHO) X T@iEam L WO MRz EL Lz, ZOERZIILDLELT, &
IR THBMICREZ T 2208 0w) L EH I NRD -, BIEDHARTIIEELICH?
D ENEF DI T 2B D 5, NEPBEIT T o 2R & U CRRAME 18.0% i “E
B zET)  16.6% i X 255 13.3%[2]TH Y. Th b OB ATEIREE DMt
] EICB T 2 B iREES R b Tw b, AT, HRHR O MaBEhtacd
%70, SHEICERLSED C LItE ST oMMA TIN5 [3], T DENHEE
A4 2RI LT, AR aRiED—o & L CHRVRIESE T b, W E CRYpbE
DL B O T BR T O ORMFIC X 0 IRRECIEROBHAREL hoTE TV
228006, RELRMPAFLFELN TS,

BIEE DBy hC, FAF S N 5 RS OIS P, MG HESE, 2 v o3y
BAWMHERE R E0H 25, 2 OFTHFRICERAEREIZ~7F VL DNA ZHWw5 LT
BHESMECMZ 2 2 L AAEER C L 2 HHEHINT WS, R & IERNITEL 2L EK
JGIT, it e LTl 27 Ch b, AT, FEDOWE O RIGIC O A EH T 2 EFR R %
Fioo BRI AEMEBNICA T K72 d O CTh 2 K., W BERE T IEEORRA L 72 2 7 —
ZhH Y, B L o HEEE R IE T 5 2 & CRERROFE S ITbN B [4-6], B
FIHEA & 13, RS TICHA L CRERIEEZ GG S 2ME TH Y | R ORE-CHEMN %
Hiye LzE#S e LRI E D Db %\, BEE L RIREIC, BERILERNIC RS H
256 0% K AMRICH L ComtEeRIfE D M A b 2 alBetEns & 2, BERPH A
DEMEFIE LT, TAYANA 2 —fik EDORBANEREBHE CERE N A~z 7 Fra )
VIRT I —XHER. YA VI v FRTHEZFF AL L V)R ) vEL
NEIEANFERBEITANE 4TI =X —KHER R EBPERLLEIN TV 5([7-8],



12 RoU—=>7

BRI I BRI, FERRGUSR, BRIREER, WED 7 n e X2 CTHEBE I NS, HllaIEE
DATy 7HHK1-1 IR L7z, FEROBHFICIE 10 ~ 15 FED R WHICHEEM O 4 4H O %
B EBRBER T LIS A T, BENERIZH 1/10000 &b SbTW35[8], Zo—EHD T
ot ADQHT, FRNKICE O THRD TELHEDILAY DT bR L & 2WE 2 E ST
22V —= v 7 OERICKE 220 5 720, AEESEOFOR VA Y 7 D—DIll 5T
Wb, ZD7®, AT Y —= v 7O IR RGBT & 2 MIE R % 2 (RURED .
LDV v TN R TR C & 2 AERE S A RO 2 & (N A—=T 'y b) BEREI
5, BEEH WO TWBE A Y ) —= v JHliTd 2 HOEHIE % W 72 BERS & S s ik
(Enzyme-Linked Immuno Sorbent Assay, ELISA) [9-11]°7 v —%4 b X } U —[12-14]
i, BRERPZL—7y FTERTEY, Ffitho>Twd, L2L, 205 DHRIEGE IR
PRIRED T ORMDPBETH Y, Z—7 v P THRUO T2 O DI X 2HES, #H- /-
YV TNEROGE B ZER L T L 5. Mgk EICHw 258 IcH bR B E
ERTHERD LR EDRENRD 5[15-17],

ERTR[2~32) JEERAR SR (3~5 %] AR BUR[3~7 4] BE[1-25]
| BRLANORE |
EHEBHB HRIE
. EY BB -
[x7U-—=v7 |mp| Z2EEEHE $
— G
1 il el £Ee | W -
% Il {B R
EEEE BB

1-1. FERFZERAR D 70 & 2 D& - R, bR E ) EERICE A & TR
WL ECIER DA Ty 7% B0 ER D 5, [8]% KicHlE,
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AT CR L 72 dOEHEEORB R L L CESXLFHEE 2 R 7 ) —= v 7B IchA T 5
TEBREIN TS, BRUALAEEFICIE, BEHEYE 3 AYE[19], 40170 & ORIk
B TORREBARECTH 2 2 Lo, INEEE I E, BIEFEIES. BT L A 25AlFE A
ORI H 5 [15,20-24, 26], /2, A2V ==V DRI A MEDOZZDIT T ¥ v T LY
20 ORBEE/NI (L ~nl) T2 2 L dKRD SN B2, WIFEM/N IR (droplet-based
microfluidics) HIEH M % FH» 2 Z & T, BRALFHELR CTHEBCTE 2 r[EERH 5 [17-
18],

BERAFMEERR T vy a A ) =T vuX ) —ichrhd, K7y a Xt
Y — B FEREEOBMEMZHEL, A4/ 75+ T4 VA A P 2HEBET LT
FER Y. VTN F R, Ay A ESHRA A VIR HET B C & ASHTHE
HHIE S ETH 5 [24-27], BAISZEE AN Y AT ORICHE > THEIEME XN B 720, [HEw»
BEHEIF IO WTCERANREBNEHE OISR SN S, BEfRfFlL LT ISFET(Ion Sensitive
Field Effect Transistor) 72 & OEFEE 7 vV A2 (FET) %7 pH HIERH 5, &H\»
SN L MAEDL D 7 e b v v IRAS VLT W B 28, BERIGHE-CML o fEhT ic
IEAITIX, IEE MR T X 2 X O ISR OE® pH 2R T 2 LB H B, £ D729, pH
THIEIIC X - CTEM pH 242 2 LI X W EOEE 2T 2 1E R 1BV Tid,
b7 u b VBEELEIETIRT v a A ) 3L WEAEH S,

—JH. T v_u A b Y = MEEROC O TR O B E) 2 HE I 5 720 AL RIGEIC A
L7-Eifi e LCHifRoEZ B> CElikd 3 2 L8 TE % [26,28-32], BUIL 72 WSR2
Hix&F 20X 9 IciE L Th i pH 25— E DBRENF £ U WIS G- M 2 3l
ET BICHICEL T HETETH 5, WUNEMZ VTNV ZAEETHIES 2 7% &
BOMICHE L -HESREH V3 2 LT pM 205 M DB CRIEEEHIE b nRETH v [33].
vV HRGER Y v TV RO RBAEEICH TR I EALIAWT 7 ) r—va VICHL
LNT W3 [34], 8%  FSED B 2 BEHR O b FRIC (LR TCIERE O —BE X B OIRZ 1 FR
AT MLETCKICE MBS 2720, 7v_u X b ) —oHENRICHEL T\w» 3, BILET
Ol L CHREOEcH 2 /v a— A3 HE LT 27 a—2 A+ F L X —X i
EBH B,

T K121 v RERET 2T LA v vy 3 olaRE =T, I E S L FHE
TEHHE—DY v TV ERENRE T 2~ v 5 (X 1-2(a) ZFER L T %23, B %
[{—7 A A ICEBREST 22T, ZEOMENRZFRRHICHIE S 2 2 L3 v]EERE
M7 LAy HEERT2HBEETH 5 (X 1-2(b)), BT LA Dfl& LT, Matue &
i3 360 ORI EEmE ERL L. 1 >OBHICD X 4~ 200 ms DT 25 ~ 250 pg/ml @
D 7 a— ZAEDRER LSI N— 22 v F 25 L. S HIlE 0 iETEIREE D HE 23T
%252 &% LZ[15,20-22],



L LA T L AL T A Y v b & L CHIENRE OB D < 7 i e
T HRHRE DM T 270, HMAREMILBEZEEL -V~ F 7L 7 2R EICfED
AN RED D 5[21], T2, MUNRERT VA ZKT 5720113, FEB~OBH%E 50
pm ~ ¥ pm fRE OIE T T 5 72 O R 72 MEMS il 230321 72 % [15, 35],

(a) (b) H—t>UEEHEEL
H—t >t LAY
CRAEHZECLUIEES)

FFAIE —— FifiR —=
Nl o NT = EE'it SEI H_'iﬁi_.— — 5
AIEER —L ;i“h Al S
VEFRME —— {EFRIR ——

L I
1-2. £ v I oHlERIC L 2SN : QH—k vy ogs, G5ty T4 <
Avneshz2ERXTchHs, OE— v 2ERHAZL 27 L A4 & v ¥, FIRHHIE S AJEE 72
S, FCRRESHERBICHE N2 T2 ) v F 235 3,

—77. BeRRE & HIIR T HE 7 & ~ ¥ & L C Light Addressable Potentiometric Sensor (LAPS)
BEINTWS, LAPS I KT v a X b ) —DF N4 2TH 255, EEIRHRIC X 5T
HIEMEZRET 2NEEENREZH 22y CTHh 5, BHIERIIESCOMEEEZLED
1 OB CEIHIF 2 720, FHIE RICHHR T 2 B E L Dl W T Y XA T L O
SEHHRETH % [25,36-38], X 1-3 I LAPS D& v HHithi & HIIE LI D W TR R T
VYRS LB GUE N R) /M Bk Tch 5, CNOICEREEEZ T 5 2 & Iic
D EHIC X BRI/ PR R EIC R ZE R BN S, F e, KA O EM & R o 7B
ROPHMAFERINCATE T 5 LBHEICICC TAA T RAEEOL & Effin B2 EDOE X D
ZALHE L % [25,39,40], Z O EAEOZIC X Y EERMEIZNT 5, < DEHR
BIEZZL TS Lo 3 2 BUAERMEOFHED ., (EVIC X o TELT 5, ZOFE%
BTz LT, NEYEZIECE M TH L, 20 LAPS O X5 iz v
HEEFTZfEE L., o EMCERELME T 27T 4 227X ) —CHEHATEN
X, pH Z#fERr L 72 £ R Pl oGt 2z WE S 2 2~DICH»E S & 78 b, 22T, K
PFfEETRNEABDRER 2T vxa X b Y =8 = KuESY £ v & (Light
Addressable Amperometric Senor, LAAS)[41-46] Z 5% L 72, @i{EJREEC & v I L& 2 B
TRELS 2,
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71 Solution
/

@ e
Gate insulator

X

i
Depletion layer
Si

Excitation beam I

X 1-3. LAPS o #llE JREEX : [38] % Fkic HfE

BLRULF v FiIc BT 2o —Fl2E 1-1 0id, £ 1-1@IET7TL 42 ryH+FiconT
FLb0THY, HEMBEBRBEAICERL 2, BIENRIIHL TH 25 mM 55
nM OF — X —DMHEAZ RS, MEMES 22, K 1-10)IFHE kv FicowTF L
LD THY, ARTHE LA —22 7 2 ) v T Vb4 + v i EDF—0P)
BEUENRE LR TH L, CNOHIFHR—2 VY HITHLILLOLAMFEDOT LA LV
PR B, HENRICH L Tid pM o4 — X —oRHRA % o,
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& 1-1. BEALAUE D fth D fFFE]

()7 v A4+ vHoltix

Al SR R LR IR S
LSI-based Chip Devices [15,22] T AR — p-amino phenol 10 pM LA
BT LA H202 0.5 mM BAF
400 ¥ v 7
LAPS [25, 47] R7rviyaAbY— | AFP 1.3nM
Rtk VY 94 X 64pixcel
eDMA [35] KrviaArl)— | H2020.5~ 25 mM
BT LA 600 HIE £
Addressable redox cycling | #4270 v 7R & Ferricyanide ion 1 mM LA
electrode array [48] VARY— 16 H7E 5

(b) — v ¥ D HHEx

Al

R

TR PR 5

Modified CPE [49]

KFrviaXhb)—

Ferricyanide ion 100 pM

Modified CPE [50-51]

Tv_XuXhY—

Glucose 11 uyM
Glucose 330 upM

Modified GCE [52]

YA 70y TERLE
VARY—

Glucose 40.8 pM

LSI: Large scale integration

AFP: a -fetoprotein

LAPS : Light-addressable potentiometric sensor
eDMA : electrochemical droplet micro array
CPE : Carbon paste electrode

GCE : Glassy carbon electrode

T o DFEOMIC, BIZFETHW S L2 50 THERE O FHEIEE D —21C 50% FHE R (ICs)
DB 5, 1Cs0 13 H IR DM X % 50%[HE T 2 HERORED Z & <h b, ERHWICIE pM
£ M O F — X —DHEFIOFHI B TN TV B[7], T, EHWLAEEZ 7 ) —=v 7
2179 -0 I ZEALAYOHEIC 10 uM LT o IRFEE s L3 L X 3 [53],

12



1.4 TR DO ERY

AHFFEE CHIFE L 72 LAAS 3 & v LS IC X 0 BRI L B HIR A 23 100 pM 2
ETh s, £1-1 ofhoBELIY v L T, LAAS ZBHERASERE ©, BEIA
RLTWEE WS MERES 5, COMBEE RS 5 72010 RIFFEITHIE > R T L2 T
A AMEE R EORG LB O ERERICHY A, mEEATFEEZHOCT I %
HAEICHZE 21T > 72, BARMABIEE LT, 10 uyM LU F OBHIRR % B oMlE > 2 7 4 D
MRz Hig L 7=,

13



1.5 FKimX DR

AE X DRERK % DL IiCR

SRR

AT, AFIRE OB (RS, Ao 0Tl 7, BEEAEO TS 5% .
BRI kDR D — > BRILFIE S TH 5 < & 7R Le, %70, BRI
WIiE DRBOR S & KB, BT & FoBe LARTE D Hi b7z,

28 HEREE
KWFEDOMIENR TH 5 LAAS 754 Z0kgED SHIEFRBICOW TR~ 5, F7z, AKiff
TICE T BT 2T L0 5T — X DUHL T ERFH T EICOWT b RIE TR 3,

FHI3E TIER
KIRIC BT 2 FIREBRZIT o MR 2R L, ZHICED SRR DR IC O VT~ 3,

Ha4E LAAS ZH W27 ra—2 4 F o X—¥ R w7270 o — 2 BEHE O
MALETTHEZED D2 TH I I/ Na—AFF L X —EEHWT, L D7 a— B
2 EIMEZWE L7252 U, BER & BAETTWE % F o 72 OG0Ty 7z
EFRMFICONTEEL LR 2R 2,

HBoE &FE/pEAY gy P F AT H W LAAS O8IE

FALETTWE D ET 252 2 FOBRRICOMEIHEL 258 LT, @F/p B8k 2
v b F—EAHEH W7 LAAS OBUETEOMET K OREDTER Z /T o iR Z R L, A7
V—=Vv /7 He vy LCHokhiiErz ol E2HO2ICT 5, £/2. v a v b F -5
ZERT @S vV REICHE L, @Y heEoERIEERE/CEMTHLZ L E
R,

F 6T JFKIBHCRIETEZ F 72 LAAS JIE DHfFSE

LAAS ICROF v v @REAT 27201037 A X2 PRL S5 2B T2 L 2&E
HTH Y FoNHEMEZRELT 2 ER2BYNICHEET 2 0% 1 H 5, T2 Tid LAAS D
S AR LRI N DY Y TR DIKDOE LR RDOFE 2R~ 5 7z, IFKIEBIA
B TR & OFRALETTHIE R IE 1[0 3 5 BIE 2 HIE L TRGEEZ 1T - 7245 R 2R3
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BT EEMBREZMG LAAS 754 25
JREEA FIC o7 3 2 MR ERMEOM K EZ e L 375 L HF 2 b 5 HEEROHM 2 EA
L7z LAAS 7354 20 8UWET R OMET R O HREDTER 2T o 7285 R A2 R L, A2 ) —=Vv
THE v 3L LT xRio L2 AL »ICT 5, $7-, BB RIC K 2 v FKE
~ DRI L FHEE~ DB IOV TERE R T,

58 R L AFMR % [FZFEM & U7z LAAS MIE T ot

FeELFMRIC, 4 X HFEE L CHERT 25dAa L L, BLETYEIRE IR T 5
BARENLZEHNC OV TRET L 72, ko0 & fERRA 5 70 2 F:f & v 3 J7E T L <
FEFEMERVEH L WHEZRE L., A OB(LETYERE CHIE L TR L 7255 %
N o ZDFEFICHEDE | Wl & EAROFEM DA A DR-IC K o TROREWNZED 2 A
HZXLILDONWTDEE YRS,
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F25. AFERE

2.1 LAAS ORIE/RIE

2-1 12 LAAS O 74 A& & BRI oM &R 2R3, K 2-1(a)ic/R L7z LAAS @
Fo4 2L LT, AR FICEmE T LA RICIERCT 2, R & B O &AL I
2y FF—EAPERINTDE, ZOYay b F—EHEDIEKI H:b‘ﬁilzﬁﬂ%lﬂié’h
%, X 2-1(b)(c) i3 LAAS 754 ANOHHE L T 25y FRIZRT ((b) 134 )E/p Bl ik
vay b ¥ ATV LAAS, (0)3&E/n B8R a v ¥ —HA&%Z 72 LAAS
DEE)e TN ZAEE D SRR BT 2 2 Lick b, PEENTEF Y ) TH
it s, BZE» N ME TR I NZF v ) 7T IRESWICHEEL, Hazillz 3
2> EARENICEET 5 2 & THASG L CHIRT 5 720 BIEERICEHS Lk v, —H.
PEANOREZEHE TR I Nz F 2 ) TIIEZEOEREZZ I CFY 7 F L, Kl
BRICHG T2, CORZENICEBIAALZDEF v V) TIE7 54 ZAKH O R IC )
L. (@E/mn P8k y a3y b F—EH0o5EGIDRI x> Y Tﬁ@ﬂ<~/v75§{’ﬁﬁﬁ
FICERE L {EABOBFORT v ¥ % P, BMEMIZER T2, Cnic kb BiE
ﬁ B 3= ITIE(Red) DI G 23 A, BEILFE(Ox) 1278 2 BRIC AT 2 8E T Eé@i"?ﬁ

TS L CEBLRET S, COX KL TEL ZMLETCKICORICIE L -ER

ﬁ%%ﬁ(ﬁ' If5%5 & L CHMBEES B3 2, 7L ARICIER L ZEMBIXEN o> 2 v + F—
BAE7+ P XAA—F %*%WL YA S U727 + b X4 4 — F72 0 TR LETTEIR
ZUETE 5720, WET 2 EMERBH BRI LR TH L, K74 P EAF—TFD
HoEh T & L CEmE TT% 1 OB L, B2 /KERPIC 1 oFZREL AT &
T, BIEEMIT 2 HIERL L oL 2 K720 TR W, UNR B E A S 2 5Ekik Tk
W AR % 6] U DRI TH Y LAAS HIE & 2 7 23K IC Bl 2 il o> 3 2 &
BCTEL, £z, 74 RAOBEUEFEICOWTIEIFETHN S,
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(a)
Counter electrode \/

Solution \/ g p==

Working electrode :
\/k_’

Insulator — S

Depletion layer

Excitation beam Rear electrode

(b) (©

Working oty Ohmic Rear Working Sehok Ohmic Rear
electrode  junciic junction” €lectrode electrode  juncion junction €lectrode
Au Au Al
Recombination Recombination
& Electron Hole Excitation beam

2-1. LAAS OHIlIEFHK : (a)LAAS O 7 N4 A& & HIE B, P8k Fic T v A4k
DEMEET 5, FEE L BBEORICIIEZEBIER I N T VWD, T84 ZAHH D 5 ik
HEWE T2 eItk FEENTEY ) TR I NS, Fric, HZEMETHE S
=¥ % U 7 AMERICHEE) L SRR O BRGETE & LR TRISEREC T, 20
FRIRTC G IR 2 BRI R il 15, (b)(c)LAAS NOMEE L TWw3 . v FX
((b)1F p B R 2 v b F—8EEEH W LAAS, (013 n BIEKRY 9 v b ¥ —4%
V72 LAAS O 356) « il lEHc X b BEEANTF ¥ UV T ihiE I 5, EmEMLT
IECHEEINZF v ) 7T IEIFESEICL VERT 2, —77, ZZEMECiiiEsnz%x )7
ITERRAHE I L, BREICH S35,
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22 BmATEDRE

— A B AU FHE R CRER R MIE T 5 Fikid, JREIC X o T 3Ry s s [24],
X 2-2 iR L oMEFEOMSR 2R Lz, 5B 1 HRIBREKCOBETZERLE LT
sk % F v, AR L 728l kSR 2 BRALAIICHIE 3 5, 5 2 IR KOG & BET
RIGER THLETYE (A7 41 x2—%) 2R, BGETHE ZEMCllET 25 [54-
55], H3MMRIFATFT 4 -2 b EELHE LT, EMCEELEELL, BEEET %2
EF5[56], H3IMMRIEAT 4 = — 2 PWHE [67-60] @ XS hHlEFZEERLR LI
MEZHECTE 20T ELZZTIC L, RELEZHESHFFcx 2N FETH 5, B
Fe Vv FICEELLEIN T 270, SiizERLEVELHEANATEZ XY v F23H 5,
LA L. EEICERZERENCE 2BROMBEIIR O LT3 2 &, KEICEE(L S h
EHEOEEMET T2 e wiHE61bHE b, BTLLHEEATELRS AL
W

1st generation 2nd generation 3rd generation

— ~ // = 7\\\

/ \ / \

[ \ / \

[ & - “‘ [ "‘ @ Mediator(Reduced forms)
@ ‘ € Electron
! |
\ /
\ B /

\ /

\ :_‘;//Immobilized

Enzyme

Solution\f‘l
|

\
\

Working electrode”

B 2-2. BERAED 3 > oMR OB« 55 1 #ARIGEERIENIC X o TER S LzEiEl
KFZRIES 2, 52 HARUTBRGTEICHE ) NN AEFRER (714 21— 2) 2 lE
L. BERIEIRIC XD B L 2 A T 4 == 2 2 WES 5, 55 3 HHRURIER 2 AR T IC [E0E
ftFaciicky, BREEEETORZZITI. ZOKIZ[65]ZIIT/ER L 72,

—77C. H2MREIFEERN Do 0— iRk LTEBES V. KICDFMAEEX
MWIERE L 7ZHENREE WO R B 2, 72, BEEL T v ABARTECffiffinc &, B
FOEEEAMER LI ZMMETE L LI RXAY v+ 2D D, BEEIEMTHFEOIECICT
ZRBERD L0, WD THETHIATENTAEEER LM T2 2 L 8EETH Y|
FOMV IR LI L AW EEEDOE VI 7 2 2 Z K2 X + TEILTE 2 W[EEHE
BB 5, Fz, EEITHEMOBER T T MM E I & L CRIBEAfTON 25D H
D . HHRHSRE & BH © 2210 3 5 7= o Hi—HiRE T 231 H 2 8 T\ 5 [63-66] o HL—lifdsy
iz, MIRICEAT 2/ NS AR TEMET 2 2 L AL ETH Y, WMEIEMSEE L £ o
TWwb, BLED X5 ICERAERM 3%  OFEBFEL T 5205, RIFFETirs 2 ko
MEFELZRAL, JAKEOE W A7 L0BELHIET b D L LT,
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Enzyme

Product

Substrate

Mediator(Oxidized forms)

@ Mediator(Reduced forms)
& Electron

Solution

Working electrode
Insulator

Depletion layer |/
Si

Excitation beam — B

X 2-3. LAAS of#ZRHIERE oMK : 5 2 R oMEFRE I L Tnwb, Kign
ay b F—EETHWTWS LAAS O7-®, iilEENn/-F+ ) 7T & L CIELAEMETEIC
BEIL T\ 3

% 2 MR OEERIEE ICHE D W 2eE/n BIEEARY 2 v F ¥ —EE& 2 M7z LAAS DHlE
JFREICOWTHERK Z X 2-3 1ICR 3, X 2-3 i3&E/n BERy 3 v P F—FEHEHVS
7O EFMER IR I Nz v ) 7 & LCTIELABEI L T\ 3, AR IR Al
WS 2B LERMEDLIRIEE AT 4 T—=2—% A L7=RQ-DOKIEHRE T3

Sub + 0x — Pro + Red -+ (2-1)

BN 3RS CETORZET 2 AT 4 -2 2 w5, KRS - EfLiR
SiNEZ B L CEBMOET L HHEA L CEBOHMEF 2L &, EMOKT v
Y& T3, KER/ BBREORITEA T 4 T— 2 p LB 2R T CTEMKT v
FFEE L, B AT 4 2= 2 IR T 4 = — 2 ~ELT 2BLETKICZEL
%, ZORIEERQ2-2)ICRT,

Red -» Ox + e+ (2-2)

CDOAT 4 =R ENPEE N2 F ¥ ) T OEALIEITCRIG B ITKE T % B2/ 0] i
THHEND, RFFEOHERIZ. AT A4 T—2%2NTHT LI i@@%&ﬁ%ﬂibf
Wb, ZD®, AT 4T —X LEMEORE LR LI L FBEERIGHEICE T
HETHD, T/, K23 o0 TiREE/nB¥ERy 3 v P F—FESE2H W LAAS O
BitrmLTwd, 2070, wE/p MPEEEy a v P ¥ —EA&Z M7 LAAS Ok

19



FRIRE S N5+ )V 7 & L CETFPERAMBICED L, BLETKIGO M & CEIED
M & 234 E/n B8RS 9 v P F—EAEEZRH W2 LAAS Eiicz %,
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23 HAIESRT L

231 BFES 2T LDRER

2-4 13 LAAS O “RITHIE > A7 2O A KL T 5, LAAS 754 2 ORI
It e LTz, ITO B3 e LTl 3, ITO Bt 47 2 W - 0B 72 Bk
Thd, 207, HIR & NFROEfl A EEANGE T & | FEAIRE O MR/ AR 25858 L T v
BORBEECTV, £, PEEKL — 3 —(S1FC980. THORLABS) % it & L TH
Wiz, YD IREHMTE (X PC CHlffl S 7zt 37 —TikED, -0 L v X %L T
NIRRT 5, D 2 Ey F OERIZ 136 um TH 5, HEEMEZEL -1 NES T
CV 7 v 7(DDPCA-300. FEMTO Messtechnik GmbH) iz X b #igx ., PCicHEbN 3,
FANA ZETTO ORFEEE 1.7mm, A EIL 5ul TH 3,

PC
Counter Electrode (ITO) N — ::AD —
Solution —& voltage
i Tt DA converter
LAAS device — converter | |
@=136 um

f-0lens N 9g0nm, 15 mW

Mirror = N v—l laser |<—| Laser control I
|Mirr0r control ||-‘-

B 2-4. REREREOME > A7 L O ¢ LAAS 754 ZAh oo+ v 3 )i CV
Ty XV iEI N, pclcidikEIng, L—F—E 980 nm, HJ) 15mW, ZFE v b
=136 pm)OA v A7 PC i X vl s, £z —F —DREE I/
T —DAERFIETAEICKVIRES NS,

232 T — X DUIETTIE

[ 2-5 (Z G % BEST/FEHEST L 72 8> LAAS EiifE 0 BIE S & LB TTK G0 & %R
TV EBOEREZRL T 5, o2 b (MG —IEME, JERE e E®k i3, &
MR OB _EHEOFRMEIC X 2IFEHERBIMN D, Z D, FTMESINE Y EH B
IR T %, 7m 7 v_u i) —CiEFERXEICHRGETTERSGEN TS T
BRI N TV 2720[67-68], AIFED ZDXE%ESEHEICT 5, AIFFE T, AL
T EHTD 5 RO FIEMED (X 2-5 D Ion & lopr DEM) L Y HEFEERL T3,

YIRS s A 30 s Xx30 MTHIE T2 Lick ) ZRtDTF — 2 nfidfgohn s, b
iz 6 ROFEEZAIEEFE(1 DOEM) OEWE L L CHE L7, ZD7kdD, [F—EMHIcE
F2 1 0o0BFICRHLT1 o0BBRMA/REZK 26 DX %77 70EHlE NS, RE
L7ZHE Y AT LR =787 77 4 —ICHOTWREERZEET S LIITTERWVD,
LAAS I3V ARAL Ry A YD XS @& EIC 7z 2 [ReE2 H 2 L AEL T 5,
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Light on  Light off
(loms) 3 (16ms)

/ Iopr : Average(Sms)

Current

[Sensing signal

[ox : Average(Sms)

A\ 4

Time

2-5. x VY OBHIGS &L v HEEOEROMEK ¢ % 32 ms(ON: 16 ms,
OFF:16 ms) CJEHIFIC SR X 2 720D LAAS v 3 o 2R g, A LERZIIER
THBORWEREDIET 7 7T —ERBEETN T L7720 LoD E(CE
i 5 ms DERMEDFIINEDAED % 2 v HE 5 L ERKT 5,

Current [uA]

Concentration[M]

2-6 A OPENRIRLICE T 2 BREOEEK : —HOREDOHEICOE, —D>DF
miEsEE TS,
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233 EBADTERE

2331 RISET IV

ARWFFE L, HIE T 2 X RWE O O FEKIC X o T, fERBAHED 5 7D 5K D 2 D
DIRFEICE LT 2 2 & ZMEL T2, 205 IXERIHDHEE & PE ik FEE0) O3 I
KIFT 2RETH Y, BRKICOEEOT WV ERERD TV IR TL AR50, REZE
T3 EDHIRE LTHLETH B [69],

(1) FERT 2 HEaUIRAE

?ﬁ‘{ﬁllj\]“éi‘fﬁﬁk XD ANV 2 b BMEBMICEIINTL 2 AT 4 T— X EBHIEMERMH O ML
BIURISIC L VBRIV I NI AT 4 2B I VS EEZET 5, 2hid [~ 7
V\]@?fﬁﬁlﬁf‘?>ﬁ5ﬁﬁ BRI 351 2 T RS | DIRFETH % 723, B R HLHEE A3 % 2K
DT H 2 IRAE(BRIAHFHIREE) L 72 5, Z OIRREDKRIT, (FREMIC I 1) % B
HWESEICERMEICHEST 2, CHULIINEYWEORESEWKRHICEZ ) LT WIREETH 5,

& =7
X 2-7. FEASHEALEIREOMERX ¢ LEUC X 2 EMKRIMICH 2 AT 4 = — X BOHA
EREMEXE CEMHLEITI AT 4 T — 28 XD %\ WIREE, BHEE T 10 E s s
Ik F 3 5,

(il ) JL B AL ER e
iﬁ%ﬁlﬂ\]ﬂfﬁﬁﬂz XA LEMEBRIGEITNTL 327 4 = — 2 EXREME R OB
BICNKIGIC X VBB INZI AT A T — 2B I VEVWESEZHET S, 2 [S1vy

W@?TLHQJEFE<1”|5H§ BRI 351 2 M ASHLIEE | DIRFECTH 5720, Wﬁi@f;#%éﬁ\fzk@ﬁ
HTH HIREFLEELEIRRE) & 7n %5, C DIRREDIRF I, TEFHEMRIC 51T 2 JLBCHRE 23 F
TEICEE T 5, THUIEINRYEOBEEMEWERRICEZ Y T WIREETH 5,
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.y%ﬁ

&=z

X 2-8. fLEEEREE OB ¢ BARUC X 2 RIS B
MR CRMA I EIT) AT 42— ﬂiibm&w4% &
ERE

AT 4 T —2eEoftifes
TRAE 1 T PR B S IR AT

2332 EE

AWFFECIIEBEA OB 2 BT\, T ALARIEOHEEDORR % 5K L 72 Rt =
SN TIFR23)RTREING,

A+B—->C Dt % v=k[A][B] ---(2-3)

VIZSOGHRE, kI ER, [A][B]iZ A, B OEE A2/, AEOHIESR TIE. fERfEIC
BWT AT 4 = —2DLEITCKIG(Red & Ox +e” ) ZHEL T3, /2. BIRIZEMD
BEAZHEL TV, ZoKGEEORIZES RXD—>oTH 3,

LA LI 51 5 BALRIG & BITRIE & #18 L L2 RISHIEO K TH 5 5 | 7 —
Fre— Rk (2A)IRT,

i = o fexp [ = exp [~ =2} -2

j@%ﬂ%ﬁiﬁ\mixﬁ“nzﬁ k%i7/~bkﬁ/—b@ BRI EREL. zI3HE
MR ISICBE D 2 BFHL FIZ7 7 —EH nIHEEE. RIZFMELR. TIIMRE %R
LCWwW3, it b EiiiTERE Mu@ﬁ?%uk#méﬂéoit\C@ﬂb7~$»7~
RIFEMEOKMICE W CREL EDLAVHIETH 5, 2Dz, KIBEE LIS
WL EER BB IC 1L T % T, SRR o A IEHFRETH B,
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7o, PEEESERER O BRI KT 2y P L Ao & (2-5) 1R,

j= zinch”_ (2_5)
TT2t2

JIXER. 2l X ERSOSICBED 2 ETFEFIZ7 7 77 — &8 AIXE MK M. DITIREREL

LA 2 R LTV 3, Coay b LA ORIZIEIC X 2 EHROBKTS b, Wl ol

LTw{, EiZMT 20ICEEZ 2 T2 ERIL, B HEIC X 2 7RMER & DE T,
7777 —BHEIET 7 I T —BHEPREL VDL, T 7 77T —FBHROWNKEZIZ, 2o
y P oL 27 7 77 —EBRSBIIE NS, T2, 2 oI IEEHELE D RE % Rif
LLTw3,

AWFFE T I3 BT HLEIRAE & JLEEERAE & OB & 11 2 & & AR EE R 7200 RICHE %
i L7zE e LT MiRoX(2-6) 2w 5,
I= aCF + y--(2-6)
LIFER, ol ER. CIRHENRYIOIRE, BIXER. yiEA 7y FPEZRL T2,

2.3.4 18 RS

JISK0211 [3#rRlE#HGE] I X 2 &, MHRA L It ck 2 /hE(fE) TH 5, X 2-9 1
RS (Limit Of Detection, LOD) D#EGX % R3, 77 v 7 ROBROTFHEE a. 5
HiEE o0 $5, 2D at3o DHIPHIZ T 7 v 7OBEFRMEDOEY 9 2HD 99.7%73E £
NTWELIEL TS, 207D, BHRADER L LTT7 7 v 7 RO EFUEICHIE TR
BRI NV E Sh s ERXoBROR/MA(+3 o) ICET 2RE L T2,

RAERED3ME
(30)

a+30
SE19ME(a)

o :
0 LOD Pl

2-9. BMHER(LOD)DEEDOHZN @ 75 v 7D BFRO FHE a, FEHERZE o
95, at3 0 DHEPHIZ T T v Z7EEDEBEFRD 99.7% 0 & TN T 5, HIENR B X
Nhne INIEROR/MEEZRHRR L €& T 5,
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(a)

o A y
c
g .
é g o
Concentration
(b) a+30>y
I(LOD)= a+30
a+30|---—--—-—-—-——- %% ________________________________________ |
a |- $ 0 . .

Yi{--——-- :—————~§§7*i *

|
|
|
|
|
|
|
I
I
I
I
I
|
|
|
|

Z !
Blank < LOD
(¢) a+30<y
I(LOD)= y+30
T G S
] E— - . |
a+30“-"""a—§§- * :'
al il IF
I S I ,
Blank < LOD

2-10 ERAOEHKFOEROFEHOMEN © (EEKRAFFEOMEN, A Ok
fEpr % (b)(c) i3, (b)at3 o>y DA I(LOD)=a+3 o THMIHRA#HH L 72, (c) a+3
o<y D%E: 1I(LOD)=y +3 0 THRIBIRAEZHEHH L 72,

T/, EBRICHHREEZ T2 2-10 DX HIC220D7 —AHPEL B, K 2-10(b)(c) iZ(2)D A
DEFTRIRE O BRME) O TH 5, 77 v 7OV fEE 77 v 7 OEEFED 3
fEof(a+3 o) BEBRADOA 7€ v by & L1 254K 2-10(b) & TIE 23554 (12 2-10(c)
TH %, LA 2HE2-10(b) 358 L 72 & 55 0 i I(LOD)=a+3 0 THINF 5 & & A5H[fE
ThHs, LHrL, FHZEHAIY 2-10(c)) i I(LOD)=a+3 0 CHEHT 3 Z L 88 L 720,
I(LOD)=y +3 0 CHRINMAZEH L 72, BIHBRE bRo k5 CE®/ L2720, 7T v 7
RFOEGE ) Z T2 2 & PEBADOME (o) % LT 5 2 & ARHIRAR EIco%2 5,
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24 |-VRE

X 2-11 12 I-V EIEOWEX % /RS, LAAS 74 2D Y a v b ¥ —EADOK RS
720 I-VHIE#ITo 72, LAAS OEHEEMIZT VI 7L — MIcHil X ¢, RO BMIC

T A Y — TP 27, HIEIC T B R AEIE » 2 7 24 (HZ5000, Jt=|-# I%T/\ﬁ)%ﬁﬁ
WC, FBJEIR 100mV/s THEEI L 72,

PC Electrochemical
measurement system
Au wire ~
LAAS device \ SRS /

/|/ Al plate

2-11. I-VHIE OB - LAAS vaal XG)%%E@{’FFHTT}:%V A ¥ — kL LAAS
ToANAZRMOEMEME 74 I 7L — b OEflIC XY BLXILFERES AT 48 LAAS 7
NA ZDBERMNEM AR - T 5,

T2 2-12 1A — 2 v 7HEEHEOHM SN Z RS, LAAS 734 ZADEHEMD A — 3
v 7D TR T 2720117272, T4 A DEFEMKERFICEMREZ 2100
5 X5 L., ZoMigic BT %22 i ERMELZHIET 5,

Electrochemical
measurement system

PC

LAAS device

2-12. F— 3 v 7EAMEDOEEEK 7 54 ZE O BMRIZAIRFIC DI o8kl 7=, %
DDPTET ANA AN ORERE 2B CEBEL TW 5720, 8K/ EEEMR O FImH A+
— v IEALROA— Iy Z7EADEENHIE IS,
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25 S EREE

2-13 ISR ERMENE OMEEN %2 R 3, it ot iEfl{#< ON/OFF ofilf#lit 2.3
LAMTH B, T4 ZDMEHMERIC Au 7 4 ¥ — R EEEME 22 2 LX) BLRAE
fih 2B > 72, L — ¥ — D IBEAZE S ON/OFF ol BlllERoZHx &1 2.3.1 ~ 2.
3.20F L LFAkTH B,

PC
+»| AD converter

Current
Au wire — voltage

; [— converter DA converter
LAAS device —, _|—

f-0 lens — 2\ 980nm, 15mW +
Mirror — \F laser ¢ Laser control

Mirror control [«

2-13. SEPhEEEREHE OBEZK - ROEMICTERR Au 7 4 ¥ — 2B EAL €5 2
Cick Y, BHOFELYR L7z, 72, L—¥F—1CFF 5 ON/OFF HllfHl<o 0 {7 i il )
X 23 LA—DJ5ETH 5,
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BT, TR

31 BAERDMEHREZEICONT

RIFFED TS A ZNIEBOMER(EM) 2 FH L T2, KEE T, F7T 4 2 LoD
HE S DOMBEDEIC OV L7z, WRIE 7 2V T v AtmA A /7 a7 AL A
4 v ([Fe(CN)4]3/[Fe(CN)4]+) 23[AEI & T 10nM ~ 40 mM (10 nM,  100nM, 1pM, 10
pM, 100 pM, 1mM, 10mM, 40 mM)AE L7, 2.3 DHETT A4 2 LD 3 S0l
7€ A (Elementl ~ Element3) D EFifE Z HIE L 7=,

3-1 FHIEREZ R LTS, Chaifen ¥ 7 2 VT VLA A v/ 7 20 v 7 v LW4
FVIRE L LTERL G A. Tado L) rERA»REH N2,
Element] : I = 1.5 Ceriftero *2 + 0.059 (R2=0.99 , LOD= 1.2 pM)
Element2 : I = 0.92 Crerifrero 1 + 0.39 (R2=0.97 , LOD= 5.1 pM)
Element3 : I = 0.55 Crerifiero “%7 + 0.47 (R2=0.99 , LOD= 1.4 pM)

6
< 5 _| | Elementl
= /\ Element2
= 4 - | O Element3
&
5 3
@)
X 2 —
Al
1
1 —
e S -
g % 8 B B

0 .................
| I ! I I I I I
blank™ 10n 100n 1p  10p 100p 1m 10m 40m

Concentration of
Ferricyanide/Ferrocyanide ion (Cy,,i/fero) [M]

3-1. [T AL 2K ERICEB T2 72V T uibtA 4y /720> 7 b4+
v ([Fe(CN)4]3~/[Fe(CN)sl*~) D s & & o B il : Elementl () D F D fifi i3 KR =
1.5 Cheriftero %32 + 0.059 (R?=0.99 , LOD= 1.2 uM)). Element2(A\) DRD s 13 EEE (T =
0.92 Creriiero *** + 0.39 (R?=0.97 , LOD= 5.1 pM)). Element3(O) DD gt 13 EERA(T =
0.55 Creriffero “% + 0.47 (R?=0.99 , LOD= 1.4 pM)) Z/R L T\ %, T 7 — — [IfEHE(RE %
AL T3 (n=4),
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HERIC X WV ERAOMEZ [T = aCPl + y D a)iTAEDDH 2 HHIE, HERMO T,
HIE FUBEMIC B W THRE L 2P T AV IDESI R EDOKRMRESER S 2 &, BHIERD
vay P X —EAOTERENREL S EAFEE L TERALONS, TDLDREICKH LT
3. ) — 7 BREZBRT 2 FEPC 70 X b — 27 O, T4 ZADIEHEREDT 7a—
FaT 5 ERNUELABOMREE RO T LIcohREEEZLNS, L, K3-1 X
D BHIE S 2 H L C D RS LI L T B =0, AiFEIE 1 20BEIESEZNRICLCTHE
imx T 5,
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32 BhEHFEEICDNT

AWFZE TR 2RI IC O W CHE R T2 72, SB/p BRRElky 2 v b F—4%H
w72 BSF fif & LAAS w7z, W7 = V> 7 vAtWiA A+ v /7 =a o7 W4 4 v
([Fe(CN)6]%/[Fe(CN)]*) 22 FIE & 10 nM ~ 40 mM (10 nM, 100 nM, 1pM, 10 uM,
100 pM, 1 mM, 10 mM, 40 mM)HZEL 7z, 2.3 ©J7iE T, FHEEEE X 156 mW, 3
mW, 1.5 mW © 3 fffH% 7=,

3-2 BHIERERTH 2, Craifrern @ 7 = VT AUIA I v /7 20 o 7 LA F Vil
e LTERLEZGA, Tito k) AERAPTEHEI NG,
15mW(A) : 1=0.033  Creriftero **' + 0.0029 (R?=0.99, LOD = 30 uM)
3mW(O) : T=0.0098 Crerifrero 0 + 0.00072 (R? = 0.99, LOD = 250 uM)
1.5 mW(O) :1=0.005 Ceri/tero** + 0.00035 (R? = 0.99, LOD = 284 uM)

=
=

=1 | A 15mW b2
(13 mW
O 1.5mW

o W W
<o W
||

9
(—]
I

Current|nA]
I

[—
i <&
| |
o M|

ﬁ ...............

A A
> & B
ST T
blank 100n Ip  10p 100p Im 10m
Concentration of

Ferricyanide/Ferrocyanide ion (Cy,,i/rero) [M]

(—]

—{h

32, KENEREEICETE 7 =) T VMAA Y /T 2u e T VLA A
([Fe(CN)o3~/[Fe(CN)o]*) i} & D EHiff : 15 mW (A) DI D fitix S5 (1 =
0.033 Creryters ! + 00029 (R2=0.99, LOD =30 uM)). 3 mW (0) DI sk 5Bt (1
= 0.0098 Creriers 0 + 0.00072 (R? = 0.99,  LOD =250 pM)) 1.5 mW (O) DI it
B (1 = 0.005 Creiers % + 0.00035 (R2 = 0,99, LOD = 284 yM)) &R LT\ %, T
— N — IR R L T B (n=4),
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e %2 BT 2 & EBIRER RIS A Xb¥Ak4 5, LarL, /4 X0k LbhHE
BRADMHEE (= aCl + yDa)DERDOIFBE 2D, vV FORHEE IR ET % L%

Abb, ZDORMIE T AT LDOEENIEE DR AMETH 5 15 mW Dk H
hzeHw7z,

32



BATE. LAASICL B 70 a—XFAFIX—EERAW7 L - EERE DR

41 I3 —AFFIHX—EIZTDODNT

BER L IFERNTHEL 2RO LT, il e LCHRET 2 2 v X 7B TH 5, HIC
FEEREME L W RIGT 2WEICH L GEREZ Fio, ERE L EAICX 2 & RO
HFFRMEIC XY MBS 2 SOGIC X o T, BSR oML 7TEEIC I Tw 5, ZOMED
—DTHh HMALRITTEER 1T, BURITTRICE IS 2R TH 5, EENICBWTH D
N2 AR TCSOG KRR F OBB CHERIEF OIS ETOBIAAEL 27201, i
b O RIEEBHFTRE R BRLY & v 3 L LR TTEER (THES R WV,

MALETCEEED 1 D THBE IV —R A XL X=X 3/ va— 228+ 5, sz
— R IR DI 7 S ic b 2 HEREEEHO > TH h . Hdke L THRW o et
M HEDLI TN 5(23,29,70-71] 720 7 va—ZADHIEIREETH L, Fra—2R
XX —RR IV =R Na ) T v EERLKRICHIRT B RE RT3,
BRI v FIC L 2 7 va— 2D TE 2T A% < H 5(23,29,70-71], chbDH
MR ATIR I 2 €. BEER A EC pH OZMIC D MR L S I Tz
B, REFBGETHEOETAHEL LTI/ Va— 24 F v X —X 20Tz,

AZEX LAAS T/ LVa—2F F v X —¥ e H T/ va -2t %fr>72, £9. B
F LB SIGE AT 2BETCYE (AT 4 T— 2 =)t d 2 REZHE L 7z, Z D,
INa—RFF LA —EEHANT, ZAa—Z2~DRERHET 2, 5L, fthoEEE
BIE A ME & i L GER 2R T 2, 2RO DMIELZBE LU T LAAS 73— 2%
M C% 22 & E2EmAFL 72,
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42 E=BRIE

421 734 RBWEF R

4-112 LAAS 74 20 8EEfE %/ Rd, 2ecmX2emiCHy b LY Vavym#B, 05
~ 10 Qcm) % 1000° C. 90 77[H O, FHSAF CHEL L /zo A v a—FEHWT, K
IZ7 + b LY A b (OFPR, Btk TN SHE) % 500 rpm < 10 #fE. 3000 rpm T 30
MRS L, ~— Fx4 2% 1200 CT40 7fflfTo7%2, v227(¢=1.0mm ¥ v F[H 2.54
mm) % FlVCFRE - Blfgk. ~— F x4 2% 120° CT40 T -72(M4-1(a), 7 vk
(b TR At o L5 (1K 4-1 (b)), FRHEiciE Au, FEREICIT Al 2P
I 22205 5 TG L 72 (K1 4-1 (o)),

Photoresist
Oxide layer Electrode(Au)

U O PP PP © |
- =

Electrode(Au)

(a)

Si(n)

4-1.  &Jg/n BERY 3 v P F—EH&EZH W LAAS 754 A08HEK] : (a) 1L,
Ng—v=v b)Yy F v (c)EMmMBLE
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422 AERE

IR RFERIE 1 1E 2.3 7R E V72, BIENR & L CHW 2RO ML 4-1 108
Lize ~FF 7= FIDA YV v (72 )T ALA Y v L) e ~FF o T = FER(IDEE
AV (7 za> T v{tA Y 7 L)L Sigma-Aldrich 258 A L7z, WEEF MV v L, 7L
I—R, 7727 b—R, 727 F—RFHAMEHEASE(EED 2 OEA Lz, 7727 F—2X
FRFUME TERA St~ DAL 72,
F4-1 RO
() A 7 4 = — % —HIERFD IR

[Fe(CN)s]* [Fe(CN)s]*
la 10 mM 1 uM ~ 40 mM
QpM, 10puM, 100pM, 1mM, 10mM. 40mM)
1b 100 uM A L
lc oM A L

(b) 7' v 2 — ZHE K DIEWR

[Fe(CN)g]> [Fe(CN)q]* Glucose

2a 20 mM 20 mM 10 nM ~ 10 mM

(10nM. 100nM. 1pM, 10pM. 100 M, 1mM,
10 mM)
2b | 20mM oM EE=

(c) HLRIEAAHIAE IRs D A

[Fe(CN)s]> [Fe(CN)s]* Monosaccharides
3a 20 mM 20 mM No substrate(negative control)
3b Al I Al I Glucose 10 mM
3c Al I Al I Galactose 10 mM
3d Al I Al I Fructose 10 mM
3e Al I Al I Lactose 10 mM

TNA—=ZAFF L X=X ENLCINa—RE T2 )T A4 A v/ 7 20T VALY
A F v ([Fe(CN)6]3/[Fe(CN)e]*) 13 4- D) DG E R+ Z L MG I NT W 35 [59] 720,
AETHRE-DDORICEEEL T3,

Glucose + [Fe(CN)g]**—Gluconic acid + [Fe(CN)s]* + H"...(4-1)
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43 HER

431 AT 4 T—RDHDRELKIFFFIE

4-213, 7=V T A4 & v ([Fe(CN)6l* )M % [EE (10 mM, 100 uM, 0 M) & &
7R D7 = v T A 4 v ([Fe(CN)ol* ) DIREDZALICH 3 2 EifETH %, la~1c
133 4-1 ICE VW ORR ZEREZ TR LTS, Cre 2 7 =0 v 7 ALIIA F VIEE L
LCERLEEA, Tido k) aEBRASHEE IS,

10 mM [Fe(CN)¢]3~ (la)d & %

1=1.2 Cfemo.33 +0.041 (R2=0.99) ........................... (4_2)
100 uM [Fe(CN)e]*~ (1b)o & %

1=0.33 Cfer00'23+0.096 (R2=0.99) ........................... (4_3)
0M [Fe(CN)6l*~ (1o)p & %

1=0.0078 Cfemo.74 +0.091 (R2=O.71) ..................... (4_4)

INODRIRIT, K 4-2 X0 RERED mOEBRASETTE T 25720, LAASD AT 4
T — & — TN 2 EIAE I3 SO IR L 22 R A EH T & 3 2 e R T T

Z 4 — | (1a)L1[Fe(CN)¢]*~ 10mM =
= _|| (1b)O[Fe(CN)]3>~ 100uM

= 3| (A[Fe(CN)g]*~ OM ,

s 27

O ] 3|

?: 1 : R "
" B = g ------------------------ N N A

0 | | | 1

Ip. 10p 1000 1m 10m 40m
Concentration of Ferrocyanide ion(C¢opo)[M]

4-2. 7 zurT7AA & v ([Fe(CN)o]*) Dff 2 OIREEICH 3 2 Eiitfl : 10 mM
7=V T7 A A A v ([Fe(CN)sJP ™) (O) DR g 13 EEFR(T = 1.2 Ceero®® + 0.041
(R?=0.99)) . 100 pM [Fe(CN)s]*~ (O) @ B @ s ## 13 E B X = 0.33 Crere®2+0.096
(R?2=0.99)), 0 M [Fe(CN)e]*~ (A) DD fiftid £ X (T = 0.0078 Crre®™ + 0.091
(R?=0.71)), Z/RL T3, T7—"—IEHERFEETRL T 5 (n=4),
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432 BB D RERFRIE

4-31C1F, Fva—2RFF o X =¥ nT, 7V a— ZDRE 22 X HIE L 72 Eil
HOMERERT, 2a ~2b13F£ 4-1 TEWAHKOERRZ2BRERL TS, Cgu % 7L
—RAWE L LTERL2GA. Tito L ) aEBRA»BEH I NS,
10 mM [Fe(CN)s]%/[Fe(CN)g]* (2a) D & %

I=2.3Cy, 8 + 1.86 (R2=0.99, LOD=13 uM) ---(4-5)
10 mM [Fe(CN)¢]3~(2b) D & %

I=0.53 Cy, %% + 0.30 (R?=0.99, LOD=37 uM) ---(4-6)
IoOFEFRIZIK 4-3 X Y EERA2EH T E T2 < CRERED B\ 729  LAAS
D7 N2 — 2T B EHAE LS L 72 FERAEH T % 5 2 LR I T,

— 6
= (2b)O[Fe(CN)g]*~  20mM -
5 4 T tg-——————————- e — B e
h e g 5
- 3 o
=]
O ,_
X
T - o
(O~ >>_ A~ — -
0 "10n 100n 1p 10p 100p 1m 10m

Concentration of glucose(C,,,) [M]

glu
4-3. snra—2ofic ORI T 2EME ¢ 10 mM 7 =) o7 VLA A+ v /7
=7 A4 A v ([Fe(CN)sJ3/[Fe(CN)el*) (O) D0 rifitid EERA (T = 2.3 Cyg, 004
+1.86 (R2=0.99, LOD=13 uM), 10 mM [Fe(CN)¢]* (O) DD fifit 13 £ER X (1= 0.53 Cys
094 1 0.30 (R2=0.99, LOD=37 uM))%/RL T3, Wiz 7 7 v 27 OEFE &
D3 fEOMERT, 7 — " — 3R %R T (n=4),
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433 FIREICDNT

T BEIRE D v a - XOEME RO BEHEEO R ICN LT 8 f5~10 fF 0Bt
R L7z,

4-4 1T 3o BEEE(F I 7 b=, 777 —A, 727 F—2)10 mM D EFHREE R

-1 X Current[pA]

2

1

J H m m

4 4,
w24, ) Yc, 7
00 &06 0/ OJ’ Cg 0 «9@ 0@@ &e
J'[';?,
¢

K 4-4. HEEICNS 2 ERME © EEBEWERE, Ira—XBEALTRIER, Sra
— 2PN OB (H S 7 P —RA, 757 F—R, 57 F—2)10 mM % E&A PO ERAE
ERLTWS, T7— N—(3EHERFELRLTW5(n=4),
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44 FEER

M 4-207 =) 7 A4 4 v ([Fe(CN)6l? ) IR % [EE (10 mM, 100 pM, 0 M) X ¢,
7 za T AYA A v ([Fe(CN)ol* ) DIREDZALICH 3 2 EiftfiEIC OV TR~ %, [ 4-
2 X EBAPEHATEC 2720, LAASBAT AT —2—THb7zus T v tWA+
VICHKTF T 5 L DRI T, £ fERMGCiRL I NG 7 2 u v 7 v ALWIA A v Lskic
7z )T UAIA A VICHKET 2R TR CTE 2 2 LR I N, Tk, 72 )
T AL A F v BERRR D SRS F ¥ U T X T 2 HEEIHo T WL e, T
Vo7 AA F BRI CTRIGLTWwb ZERRREFEZL NG,

4-3 DI/NA—RFF L X —FEHANWT, Fra— RADMEEZZL X HHIE L 7-EiR
EDFEFRICO VTN Z, K 4-3 X Y EFHAPEHTE TV b8, LAAS 7' v a— ik
HFILEBATCKHTE L I LMER SN, THATAT—X—DERBICE T 5ER
AR DE N E LTUT O XS ICERL 72, X(4-2)IcHEIZ 10mM 7' Va2 — 23 2a D
BN CRIGT 5 &, 0mM [Fe(CN)]3 40 mM [Fe(CN)gl* D X 9 ic 7%, ZHIZXK 4-2 &
h, RMA-DoRRIE 720, RE-DEHCCERMEZFET 2L, 021 pAIcR3, L
2L CHIFEBIETH 21X 4-3 D 4.5pA L3RR ) —E L v, :(4-2) % A v CEifHE

REET 2L A1pAIcR Y CHRIFERIEE Bl fEIC R B, CRICEY, 72U T VAL

VA A v 3eTee T > T 3RETHZ EEZLND, ZD-0, RO ERIM
X7 2 )T MAEIA T v B> TV BRETDO 7 2 v v T Vb4 v oZE{L L T
WRIRADBAE I N D, W 2b DG HE b PR OERICR S, Z2D7®, 5%i1T7 )
T AUA F v DREREE TV D EE L - EBRMEO KRR EMEEL Tz, 7
Na—ZDRIEHPFICH L 72 AT 4 T—X —DHEEEKTE2LE2 5, T-5H0Y;
HlCoWTlE, MHEE R E W25, 10mM[Fe(CN)g]3~/[Fe(CN)l4~ D5 A3 E&E I1c 72 %
HeEchsreEzONS,
X 4-4 I3t BFEE(H Z7 7 b =R, 777 F—A, 77 b—2Z)10 mM OEFMEICDO W
Co FNA—AFF L X =K FIC TN a— R KET 203, fho BEHEIC O WT b EIC
FIET 52 EDPMEINTEY[72-73], K 4-4 OFERIIHE L —T 2, ZODHED
SOGIIATNE % CIEMEIC R 53, LAAS 785 AT/ v a—Rd v =X % 74K
TERILEIREZ RO 2 & BHERTE 72,

UEXD LAAS A4 R Co/Na—2FF o X —¥ 2T, ETHEZ I/ ra—zx0D
BIKET 2 BRMEAIETE 72, 2RI Y toB(LEITCHEEZICHIGHB TS B &
EZbNDd, ZOWMRICOVWTIF, AT 4T —X—DL F v 7 X% 4 7 VOmkEE L KIS
HIE % Z 8 L 72 IE F OREEL M OREIR TR ~ O FEER D ICH . BERHEA 0 FFfh . B
IEMALER O FHfi 72 & 235 R DFEE L THEIT b5,
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FhE. E/p BHEHKS 3 v bF—EEE AL LAAS O R

51 B ZRTEZORIGIZ DT

BISEPERRICH W SN 2 RO D — DI BLETTK IS % il 3 2 LR TTEER 2 B
%o X 5-1 IC3BILETCHEICE T2 AT 4 = — 2 L DRIEDOMEK %R L 72, BB{LETTHE
TR A RFESED D 205, Zha— 24 F o X —x[23,70] T ra—LFe FasrF—
Y747 L OBEBRIGITENA T 4 T— 2 RE T2 Z TS %K 5-1(@) & T F—2 L
&7 2 —x[75]% HMG-CoA L X7 2 —X[76], 7 Vi&ICIEFE[77-78] 7% & DR G ICLE
WAT 4 T2 RETEE525%(X5-1(0b)2d 5,

P —— Enzyme
‘,//I \ Product
‘ | Substrate
Mediator(Oxidized forms)
@ Mediator(Reduced forms)

/

4 5-1. ﬁﬂ[ﬁ"”ﬂ:&‘i%?? BIFBZAT 4T — &k@}iTSOfoE){AI (a) A7 4 —205%
% Z TS R DOE 6, BERBMES 2 KIS WA T 4 = — X BETF 2T S KIIGE
%2, () AT 4T —Z2PETEE5Z D205, RSBS00 T 4 2 —X
DEVEGZDIEHEE 5,

X 5-2 FFRILETCEER ICHEVWRIET 2 A TF 4 2 —2 % LAAS Ml T 2B ME L T 3R
%R T, AT 4 T—XBEFEZITH S R OEEFHRIL, BERIC O Ml Ve 2 7
4 T—=2%%EWT 5, INETEIEINTEAZEE/n BREERY 9 v b3 —FAZHVE
LAAS (3R ERRRIC & — v 23888 L AR L oETM X 7 4 = — & L& O

X 2 ERMESEME N D EHEEL T3 (K 5-2(a), 20720, &JE/n BEMK 5
v b F—FEAEEH W LAAS 3AT 4 =238 FEZ TS ZOBRMEICHEHL TWwb
EEZOND, —Ji. AT 4 T —ZHFE ?%Efxéﬁ@ﬁ%??zﬁﬂm . PhEREIC/E ISR ICE
BE L, (ARG OB A F 4 = — 2 LEMOZZICX 2EBRMEILBIE NS L
HELTWwE 70, &/p BEERy gy b X522 LAASHERE L TWw5 &
ZExzoinzd(5-2(b), LoL, £XEE/p BYEAY 2y F F—HEAEZH WA LAAS O
BUE R IR X LT,
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‘ Enzyme
Product
Substrate

Mediator(Oxidized forms)

@ Mediator(Reduced forms)

&  Electron

~Excitation beam -

5-2. BRALETTIHESR O3 2 SOCICH LT, A7 4 =— X % T LAAS HI5E 3 2 J5EE
c(a) AT A =2 BBETE2ZIMER0OEE, &FE/n BPEES oy FF—EAICX
DX ) T7HMEEI NSO CIELAEMKREICHIT 2, BB L 2B I3ERN O RR{LE
AT 4 =R ARG EELC 2, (b) AT 4 =20 ET %2525 %0%56, €&/p
RIBEARS 2y PF—EAICXY X Y TSN 2 O TEFPEMEMICEET 5,
BEIL 72 B IXERN ORI X 7 4 = — &2 L BGETTRIE R EL 5,

ARETIIRE/p BYEARY 3 v b ¥ —HFEAEZH 2 LAAS 0 8UET L ORGT & ERE DT
REfTo7, pBlv Y avesE/p BYERY a2y P F—865%1E2 2 EHoSE AL &
Cu) % FIV>T LAAS 54 2 %8IE L 72, RiC LAAS 734 ZNICBWTEJE/p BipiEk
Yav b F—EABERIN TV E RO DI IV HMERITo72, 20, fHED
Mx DEEEFHCTIES&E/p BEky 5 v F ¥ —§E&%H 7z LAAS OHRE g+
570, BLEIA T 4 = — X OFBITERZEE L. IREREREOFHI 21T IREIC 3
2 BIEOEC R~ T, BB ZRICHIE D EREICBI L TER 21T - 7=,
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52 =EIE

B2l AT 4 T—RDHDEEMREEE

X 5-3 17 N4 ZA0HEHEEZRT, 2cmX2em A Y b L7zv U 2 v (p B, 40-60 Qcm)
% 1000° C. 90 73ff] O, FHAH CEMEIL L7z, A v a— 2T, 754 AKMIC
HMDS % 700 rpm T 30 #HEEMR L., 7L ~x4 2% 1000 C T 10 #fEfT- 72, RICAY
va— bt xEHWT, KmHIC7 + kLY X b (OFPR, Bt T/ AH) % 500 rpm T 10
FPRE], 3000 rpm T 30 BRIEAMA L, 7L~4 2% 80° CT 10 HfEfT-7%2, ~22($=1.0
mm ¥y FH2.54mm)ZFHWTEE - BGEB. N— XA 2% 120° C T40 BT - 770
(X1 5-3. (a)) 7 v B R TEER R 2L TRLIRER £ £ (X 5-3. (b)), FE@EICIL Au, #
[T iE Au/Al & Au/Cu ZIEFIAINBAEZEAE R CTARE L 2 O T N4 22 8YEL %
(12 5-3. (c))s

Photoresist
Oxide layer Electrode(Au)

(a) (b) (c) HH H

p-Si — — - Electrode(Al or Cu)

Electrode(Au)

B 5-3. &J@/p BpEARS =5 v b F —HEAZ V72 LAAS o8ETE « (a)fk(t - 8t - B
gRb)x v F v 7 () BMILK

5.2.2 MEIRES

-V R HEHE 121X 2.4 IR V72, IREARTERFIEIIE 1213 2.3 D7k 2 v 7z, HIERT
RELT, 72V T4 A /7x0v T ‘/1’12%4 7 v ([Fe(CN)e]*/[Fe(CN)sJ*,
Sigma-Aldrich )[R U#& < 10 mM ~ 1M (10 pM, 100 uM, 1 mM, 10 mM), Z¥¥f
Ml LChifgT Y v 2 (RDEHEE0.1 M 2 iRG L7 iEREHE L 7.
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53 fER

5.3.1 |-V %

B 5-4(a)Ic T34 AR D -V 2 BUS L T 2 EiFo &R %2 R, (b)I134)E/p M
BAy gy b F—HFEAEZHVZ LAAS © [V HlE0fER %2R d, BEMED EFICH L CE
THEA BRI LA T 24— I v 7EADPHRZETE 5, ZDhDT A REMITA— I v
THERICR > TWB LA TE 5,

b
(a) ( ) Voltage[V]
15
a Z — 10
p-Si z 5
SEEEEEEEE N E <20 -15 -1.0 -0.5 ¢
- - £ 005 1.0 L5 20
- - =
v H ;3 -5
=10

Xl 5-4. (a)LAAS 754 AN D 1-V FiEZEHS L v 2 EroaX, (b)&)E/p BE ik
vav b x-SRV LAAS OEE O 1-V ik,

¥ 5-5(a)Ic 754 AW D -V EitE 2 BS L < v 3 AT oaK 2R3, (b)id Al/p BE
Ry a vy b xF—HEHEH W LAAS, (c) Cu/p BUIERY 3 v + F—EA5%H72 LAAS
D I-VHIED#ERZ R T, (b)(0) & dICEEPADOTHE CRAMAE LABALNS, £-EBFE
PIEDOME CEIMEDOINEI R A LN S Z L 2 b BRMELHER X 5, BiRttEoAmicEL

T, @F/n BERY o v b F—EAZHW LAAS LiTRTh 5720, EdE) o
[ECTHb, M5-4 X0 EREMIA—I v 7HEETHE L, K55 XY IV FED %
TR & 22 & 5, Cu/p-Sior Al/p-SifEiZy 2 v + F—E4A. p-Si/Au iz 4 —
IV EAORELLEY OBIEIC R o T b T E MR I L,

b C
(a) ( ) Voltage[V] ( ) Voltage[V]
[ 05
a . Q E e 7 20151005 ¢
- Z g e ' = 05 1.0 15 2.0
--; p_Sl E o E 20
E s 15 ';" 40
E 2.0 © -6.0
v

-8.0

4 5-5. (a)LAAS 754 AN D -V Bk 2 S L T 2 Er o, (b)Al/p Bk
2 v X —EE%H W2 LAAS oKmE D [V Fitk, (OAl/p BlERY 2 v F F—5%H
W7z LAAS oK HE D -V £k,
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532 2 BHEDT /A 2 OBEKIERE

5-6 1213 2 FEFEOBJE (Alor Cu)ic X 2 & JE/p B8 ks a v b ¥ —#& % V72 LAAS
DET VT MNIAF /7 20> T A4 A v OEEICE T 2 EREOEREEZ R L
7o Crerifiere 7 2 VST AUIA L v/ 7 20 o T A4 F ViEE L L TEEL Z2BA.
TR k) AEBRASEH IS,

Au/Al/Si: 1= 0.28 Crerifrers® + 0.023 (R2=0.99, LOD = 6.2 pM)

Au/Cu/Si 1= 0.010 Cerifrero0+0.0012 (R2=0.99, LOD = 74 uM)

INOORERI Y, &FE/p BEERY 2y P F—FEAEEHVEZLAAS 372 ) > 7 /e
AF Vv OBHKIFT 2 C e AR sz, $-BEERE OB S, 5 Al/p Bk 5 v T
¥~ 272 LAAS OMERED TR WEATHER TE 2,

1000

LJAu/Al/Si Schottky o

A AW/Cu/Si Schottky
< 100 — :
= e %‘ ,,,,,,,,,, 2 N ¥ g5
"]
& 10— A
=
@)

1 L S— N V— Acereeeeennnn N A A

lln l[ln 10|0n 1p 11][1 10|(]1,1 lln

Concentration of Ferricyanide/Ferrocyanide ion (Cy, /) [M]
5-6. &J@/p BPEAR a3y PR —EATHWE LAAS X327 =) o7 vtPA4 +
v/ 7 za T A4 A v ([Fe(CN)gJ*/[Fe(CN)ol*) DIREE & D EVME : Au/Al/Si
3 v ¥ =A% MW LAAS(O) 0o s 135258 (T = 0.28 Creriftere® + 0.023 (R?=0.99,
LOD =6.2uM)). Au/Cu/Si ¥ a v b ¥ —H&% M7 LAAS (A) DD miff i3 F5
(0.010 Crerifrers'+0.0012 (R?=0.99, LOD = 74uM)) &R L T\ %, T 7 — 3 — [ IFFEHE(R
R LT3 (n=3),
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533 BB A T 4 T— I 2 REKRERM

¥ 7z, BifEOE W Al/p B8Ry 3 v b ¥ A EZHVZ LAAS T7 = v v 7 v L4
FVIREZEEL. 7 = ) &7 VAUIA 4 VIR R L 7286 CTHlE L 72 #5252 X1 4-7 1
TTe $72 Cen 27 = VT AIIA A VIRE L L TER L 285G, ERFXILLT ofkIC
iz,

Au/Al/Si:1=0.016 Ces®* + 0.0027 (R2=0.96)

REBFOEmWERRXSEHCcE 26, Al/p BREEKR  ay P F—EE&EHWE
LAAS BEELEIA T4 =2 CTH 2B 7 2 ) v T WA F v OEACITIRIET 5 2 L 2VR &
niz,

1000
< 100 —
2 o
) o
=10 —
: (3]
U ] ) ) (&)

1
R

10n 100n 1p 10p 100p Im 10m
Concentration of Ferricyanide ion (Cy.,;)[M]

5-7.  Al/p BIPEEY a v P F—EAZH W LAAS K502 7 =) v 7 VL4 4
Y ([Fe(CN)o]*) DI L DEFME : =7 — N — EH#ERFEZ R L T 5 (n=3),
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h.3.4 /)\TE/EIJ

TRITCHEICOWTORIRERR S, 7=V T /7 zu T LA A4 10 mM
DR % 2 DT N U7z ZRITHIE OAERZ K 4-8 IR L7z, ()il %E 784 R L&t
R CERATZIRED N EFETH 5, HOBHIROEITICERAEF T LT d, (b) Ik
EAFx X v L CEMEZHIE LR TH 5,

b) o057
0.051
0.044
0.037
0.031
0.024
0.017
0.011
4.113e-3
-2.526e-3
-9.164e-3
-0.016
-0.022
-0.029
-0.036
-0.042

5-8. 7z VT A4 F v /7 2 a7 AL A F v ([Fe(CN)sJ3/[Fe(CN)s]*) 10
mM % 2 2PHCER L 2B ZROtHlER R - ()P EE (b)HIEERME, —RITHlE L
7-EfE, BREOKRZTIICI o TEEHI VIR 72,

[vr]yudaan)
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b4 ER

B 4-6 @ 2 i OBE(Al or Cu)iC X 28fE/p B8R 3 v b ¥ —HEAZH W7z LAAS
Hreo72) o7 AIAF /7 20> T A4 F v iR ([Fe(CN)g]3/[Fe(CN)g]*) ic
B 2ERMEDOFERICOVTIERS, Al/p B8k 2 v b ¥ —FE %72 LAAS 0FE
TEAE K 7o RIS O WTHER ST 5, BIEHICBEL TldefE/p-Sivay P ¥ —§E&%
T 2@ENPRESEDLELBEL T3, SHIZEE/p-Siva vy b F—HEE2FEKT
5279 Al & Cu zHl\viz, ZECITIICEE T T3, Al OfEFERKUL 4.20 [eV],
Cu LB 5.1 [eV]TH 5, @BOMLEBBME E NEREMN B KE L %25, £/2. W
EENLIC X 222 Z JE o FEfEIE X (5-1) TREI N D,

d=[Ze (v —V>]%-~-(5-1>

d 322 2 Jg o i, BEFER, ¢ FHFER. Nald7 7 7 2HEE, Vpld p %
s L Lt?ﬁﬁﬁlfﬁu q FEMBEEEZRLTVS, G- LY HEEMELAKEVLE NS
TEREZEREVE WS T ETH D, Ié)%#r”malﬁbi_;ﬁ: X T 2 E T Ol
K L3570, BZEBIAL &5 LRIC X 2 EREIRN T 5, 2D, Cu/p
RGBSy 2 v b —6% W7z LAAS }:J:l:fﬁ“é ELAl/ p BB 3y b ¥ —
AW LAAS OBRESE K o7z L HEI LS,

¥, K5-7T07 Yo T M4 A VIREZBEEL, 7zu v T AWA + VIREZZ
L 2B OMERFICOWT, ML AT 4 = — X QPR ICKTF L 72 BifEs 8l <
5728, X 5-2 THRARZZHEEFBLE D I > T3 L EI NS,

RICZRITHEICDWT, K4-8ICICLAD X ) RN ERSBH NS, ZDJFEKICD
WTOEREBR_NTHLE, JAKE LT, K49 1nRLizLkrIR@y Y avyNTopigsn
72X v U THEELL . WIENRE LT ZEZ A 0EZIEICEELCLE S 2 & (b)F
BE ks V) a v NCBEL. SLKE S E Z D HEN R & L T 3 22 ZJF LA o %
ZRECHHEFIN T Z L ()l x v V) 7ARIC X Y HIEN S DZ2Z &5 o HE N R
ELTCWREZFUNOEZIFICF Y VTHIELCLEI 2B FEALNS, DL
DI L ADRARRNERE DR VE, T4 A LOBMREEHZ 7% 35 2 LB TE,

EEEH EXTREICR 2, LAAS ZAA AN =Ty Va7 ) —= v 7o)k LTH:
%L Zi3, 1T U ADHEHEL EoBEM A KT, IIE SO T EREIC R S hvwe Ex
TWwb,

PLE XY REOMIEIZEE/p-Si &3 v b F—EHZH Wz LAAS 0B/ERAREICR Y |
TERECERENIC O AR 2 JFHE A ER L 72, ZOWFRICD W T, MRS % vl
ExRITH) v, XOAHBEKMEL pMly Y av e fE/p B8Ry 2 v b F—A%
JE L LAAS I W3 2 b DT 28 BOEENSHOBEL LTHEIT LN,
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Counter electrode

Counter electrode ~_ (b)

Working [

Working [

Insulator
Depletion
layer

electrode Solution \

~

) — electrode Solution
‘ Insulatol\ w

Depletion
layer

J%

I: Electrode

Flow of generated -
carriers L -
Excitation beam l Excitation beam’
Electrode
Counter electrode (c)
Working [ ~1—
electrode Solution ( | —
Insulator \ ‘ ‘
Depletion p .
layer

Flow of generated:
carriers

X 5-9. EIMEICHEEL TV

T 256 L) NEEHBEL - LS L Tw 35560 F v ) 7 25#

Excitation bcaml q?l P
ectrode

CHEINDE A=A
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BOE. IFABBRIABEEE AT LAAS BITE DITF,

6.1 FENBRABLEIZDNT

AR TIZ RBRAZA X R 237201077 v 7RO EYE() % FF 30 BH 5, a D
PRI AR TPV E IR R AR 7 & DI D N T A — X BHE I N D 23, % DR
D—oL LT, KOBLRDEHEETONE, 2NODHEKD a ~DHELHLBICTE I L
Ta%k T2 ZEICHMT A2 EZOLNS,
KRETIIKOBERDNMHICE 2 a ~DEOHMETEH D 572010, KRR CEBKE %
1o 720 KB R & IKUAVERZ W22 2BR T 5, KRETIIIFKBRE VT
LAAS HIFE 24T, Z DHEEREIC O W TIE 21T o 72, KB E LT, RENTHE 7 =1
Vv ETE PP YVMITEDL LR EH 72, [80-82], $72, a DERK & L T/KDELRDH
LIS D RTHEMEIC DWW T EER A (T - 72,
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6.2 AIEERERE

IR RFEIIE 3 2.3 DR Wz, MfE LT AuZfwvrz, HIERNRE LT, 7
v (R LERAS) 2L LT = P YA (ELT7 4 v FDGHSER
X&)% 10 nM ~ 10 mM (10 nM, 100 nM, 1M, 10 pM, 100 uyM, 1 mM, 10
mM)ED L7 HE L7z, 702y IL Ry 22Ay 7 LTCHwbNE Z L
%<, BFORZICHVUTOR 6-1 ® X 5 ic G35 [82-83]

Oxidation
2 > .
Fe 2+ < Fe 2 + e-
@ Reduction @
(Ferrocene) (Ferricinium ion)

6-1. 7zt v 7z =v A4 voi{tEITTKICT 2R < [83]1X Y 5H
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6.3 fER

M 6-23ffic D7 zmtyOREICEIT2EMRMEZTRL TV 5, Crrocene 7 = 1k VIRE
ELTCERLEGS, Tio ko aEBRALHE I,

I =0.26 Crerroccene® + 0.15 (R?2=0.96, LOD=4.7 uM)

RERED @\ 720, 7 vt VIREICKH 3 2 B I R0HEE I KAl L 7= 25X 28
TE LRI N,

0.06
------ Approximate expression
Z 0.05 == Current(blank)+3c @3
A -
: T
S 0.04- I
-
; e
B e T
oo e g e -
M @ m ................... .............. m
| 0-02 1=
0.014
e
0 ] | | | I I I
0 10n 100n lu 10u 100u im o

Concentration of Ferrocene(Cy,,,cen)[M]

6'2. *i/‘? D7k \/@%);%FX? ‘:\\ }-}- @%?ﬁfﬁ . ,‘ﬁ%}%‘(ﬂi%gﬁﬁ(l = 0-26 Cferrocceneo'l4 + 015
(R?=0.96, LOD=4.7pM)%/RLTW3%, T7— "= 3EHEFEEZRTL T 5 (n=4),

51



64 EE

M 6-21conwT, EMNICEHT 2, RICHEICHE SRR EHcE 22 Licky,
KB RORBRA M R RO L EI NS, /2. 77 v 7RO ETES 0.024 pA
2 EES>TWE b EBHEADA 72y FMIKOBLRADMRICL 2D D TH % AlREME K
W ERREND, ZOF Ty Mo “EMEOMESRL O D 7T v I ROERIIF
TET 52 e MEINT S [84] 720, KRIFFEDOHEIE ZME OFREICIR S 7 il etk
5, HEMNIC 228, 79 v 7EBOEROER L LT LAAS ¥4 2KH 2N 2 IRNLETR
DHREMED B %,

.47y FOERLDSMCHBILZC & & LT, IFKBRAD 7 2 a kv % LAAS T
HITERTREZR & L ARE 72, 7 = v & V3RO TRIE RBILR TR 2R3 720 BERLFED
BLETRCICHERE NS, $72, 70k VvV 3FEFREMBEORIGEZ TR T &b, KA
BFEEEROARICHONS, 7xav vy B2 T b= Y VITE»TIFKERR ISy 7
) —DNFRETLY FZ/ 270 —Bilt b WTh 2 BHEMEHEE DOy 7 ) —A LI
FIHEN3([82] , b DEMDOEEAEZE HicH X & 3 FHLAEYIERD-0Icb 721
v OHEIEMTH %,
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BTE EEmERABWL LAAS T34( X ORFE

71 EEERICONT

LAAS ¢RI CESILFE L ¥ TH ) NEECEM R Z Hv 5 LAPS ORI LoJjiE
LT, kv IRmMICEREZEENS 271E[85]. F /7 K2 M L 727729, 86] 75 & 43
FAwbhTnwd, LaL, BRAPEREE(CT 2 HEIBREEOK TE2B e, 7/
K% H 5 753 8UE 7' 1 2 2 o GHECHUNIRE IC - 2 R 2 B85 % & X oBitE%
i <7z ORI EHE L Wi EOR DD %, Hlofike LT, HihkER% L 2 2ick
D, REDREN S ZERME I NTWB[25,40],

KIGHCE M D22 Z g i ikt % IBaT L CER%E #8422 5L, LAAS b v b h T
Mmﬂwgﬂ%@ TEOHAMIZ LAAS ICEMTH B e TFHlE NG, S ER%
EREhzoic, KB SEF Tl DAXOBINEZIEL T, 2)hkic X b A
ﬂt&ﬁ#&)?@%(%%%uﬁﬁéﬁéckmﬂﬁ$ﬁ6h&ﬂjm@%ﬁ®%%%
BT HED—2 L LT, AR ORBICOVWTIIIETHRL 72, T/, WHEX
N3 YEH O NI 2 3 ik e LT, GaAs oM RlO®EEL H 2, LiLLYa
VIFKBEE~DEMAEARL T 27203 X b RLG, IR0 1530155 5 itz
B TE 5, MM T2 EE[19,88] 7 KoMl &, AFFETIZY V) av i Wz, 2)
FRIC X VERINAEPEF Y VT4 2RBICHFE I3 HEo—2L LT, EHE
WRZIFo b, EHER(Back Surface Field, BSF) & 1ZHEEEM & FEMARFB@IC NV F
Fry 7%8UEL, KRS N2F v ) TOEMBMCEMBET 22 L2 CHffichd b,
KGHHBONT LR AR EX 37201 Hwbh 2 [89-90], A& Ti3, Bl 7 n
tZADP T X, FHHEE T v ZA~DEEN VR CEIL ZOEMERE LAAS ITH
Wb,

X 7-1 1CIEMBERZ A L7z LAAS(BAT BSF 5 LAAS) L L T 7z LAAS(BAT
‘%Fﬁmma@%ma»/bl%wﬁutmﬁl%m?ol74&0immﬁme@%
BWERLTED, 2.1 THRRZHEERLbDICR B, —J7. ¥ 7-1(c)id BSFA LAAS ©
WiEzm LTy, Emihic pl(EmER BRI N TwE, bz "y FRIOE
ﬁ#%%é&\!%HMKTTB%ﬂiMSTi ST A b IRGT & A7z il e A28 AR Y
LETHF ¥ ) TR ¢ 5, HZFNECHME S NEBRMEICTFS T 225, SV HNPHE
HEMMITHREINAZF % ) 7 3EGEBRCHBALTLE Y 2O, ERfHICHES LA
Vv, —77. [’ 7-1(d)IcR L7 BSF A LAAS I BT, EEEMMECHEI N3 )7
FEmERICL ) HEHEBICRNE O E. BAGINE 2L 2P, 2NOLDOHMAL
ol F ¥ VT AERMICHFSGT 5 LI X ) REERMEAEAT 2, 2ok ) A
MmEMEL, CEERMEEZEARI T LI EEDR EEX - T,
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(@) Working
Insulator electrodg(Au/Al)

Depletion layer

Si(p)

™ Rear .
+
electrode(Au) . (Si(p+))
electrode(Au)
(b) (d Back Surface Field
Working onmie €80T Working (Si(p+) ) ~ Rear
electrode Jsun}:cttiltl:ny junction €lectrode electrodejs::;lit: j?::itn electrode
Al Si(p) Au Al Si(p) Au
-> -
4
I =
Ii_ %Recombination Recombination
> |
& Electron Hole A7 Excitation Light

7-1. BSEH LAAS 754 204 & BSFE i LAAS 754 2D B4 Dl - (a)BSF i
LAAS 734 2 D15, (b) BSF # LAAS 734 2Dy F[X, (c) BSF A LAAS 734
A DRGHEX, FEEM L 8RO FUIC p Bl AR E LT b, (d) BSFH LAAS 73
AZDANY FH, S 2 REEMNECHEINZF ¥ ) THERN 2 AT 352, priEk

2305 <o

AEZ, T I-VHDE & ERMEZERT 228X, EHEERZEHRL 2754
2D ay b F—EEPEELTCWwWAR L LEMEROEK ML /-, Xic, BSF
LAAS & BSFH LAAS @ Xt # 1T\, MREZFE L, HRex s L 7z, m&IC,

(c) Working
electrO({e( Au/Al) Insulator

Depletion layer

Si(p)

I

1
4 Back Surface Field

IR LRI 2 JIE LRI ER 5 % P L 72,
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1.2 EEIE

1.2.1 T34 Z8UHEF

7-2 12 BSF H LAAS 74 R0 8F#EMREEZ T T, 2cmX2 emichy P LYY av(p
R, 40-60 Qcm) % 10007 C. 90 43fE] O FEFSA T CEMEIL L 72, A v a— T 2T,
RifIC7 # b LY R+ (OFPR, Mt THMX£&4E) % 500 rpm < 10 #H. 3000 rpm
T30 MREIEM L, ~— K4 2% 120° CT40 HEfT-72, 7 v BREDEHSERASH)
THEHOMLERER, 74 PLY R 2 Y 7 AT LT, A Y a—FE2HWT, HfIC
Au v F—7H(PBF3M-31, Haofb T#EMAS4E) % 500 rpm < 10 #2[E. 4500 rpm T
30 BEEmL, L4 2% 180° C T 60 7E{T>7, 600° CicE\T 30 7rft] 0.5
P& CRE{E. 1000° C icB T 60 4fH N FFHACTEMLE 21T - 72 (X 7-2. (a)), AEV
a—bFZHWT, KEITZ7 4 FL YA % 500 rpm T 10 #fE. 3000 rpm T 30 FREEAm
L., 7vL_427%80° CT10 #7fElfT> 72, 227 (¢=1.0mm vt v F[]2.54mm)% H\>
THS - Bk, ~— F_ A4 2% 120° CT40 RfT- 720 7-2. (b)), 7 v CHE(LIE
It (K 7-2. (o). REICIF Au/Al, EEHICIE Au ZIEPIUNBAE A E R TRE L 72 (X
7-2.(d)).

; Electrode(Al/Au
Oxide layer Photoresist ( )
= (@) m O Pz © Z @ TH = =)
—- —- - -
"
p+ layer Electrode(Au)

7-2. BSFH LAAS 74 Z08UEK : ()t - P F—=7(b)FTN - Btk - (o) =vF
v 7°(d) BRI K

55



1.2.2 AIERER

JCIERETEHIE X 2.5 DITiEE 7z, IREMRFRFIEHIEICIE 2.3 DF5ikE v 7z, HIE
WRELT, 7=V T AIA A/ 7 = v T ALWA ﬁy([Fe(CN)é]&/[Fe(CN)d )
IR U4 100 pM ~ 10 mM (100 pM, 1nM, 10nM, 100nM, 1pM, 10 pM,
100 pM, 1 mM, 10 mM), XZFHEE LCHifEF P Y v 2 0.1 M ZES L ZBRKREZHEL
770
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713 fER

7.3.1 -V %

7-3 1 I-VHE DR 2R T, BEAIEOMHEIE TIX, EBHRMEO LAz b Twb DI
LT, BESAOHEE T, BRED FASHERING, 25 DR & BT MEDHER
AN, T AL ZTWFEEAF—FDBEREINT B I L DHERTE S,

LAAS without BSF

............ LAAS WlthBSF R
50
20 -15 -10 05 0 =
05 10 15 20
0.2 Voltage[V]
g -04
— |-0.6
g
£ |08
/ 5
© 0
-1.2

7-3.1-V ¥tk : BSF M LAAS % %E#R. BSF ff LAAS 2 TR L T 3,

1.3.2 i EiiE

T-4 IR BHRE DM E %R T, BSFH LAAS 754 2 2.4 pA, BSF fE LAAS 7%
A 212 0.045 pA & EHERIC X o T 2 M1IZ LR ERMEH M L 72, 2 oI X v,
LAAS ICEAEERDPEK TN TWE 2 L ZHEZRL 72,

o S
nh o

Current [pA]

o -
o O

(==

P 1'9130531 method Conventional method
(with BSF) (without BSF)

7-4. RETFIE LIERTE DL ETUE
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7.3.3 ZXITHITE

X 7-5 1 “RICHIE D BIHMEICIERZE VIR 72T — 2 2Rt iz —&xEdh, 7=V 7T
A F v /7 2 a v T A4 A v ([Fe(CN)6)3/[Fe(CN)]*)10mM % Bk 1 {7 ic Ji&
BIL 7RI CH 2, X 7-5(a)i3 BSF #E LAAS 54 2 & %, X 7-5(b) 1% BSF & LAAS
FNAZDOWERRT, A& BIZZENEFNN7-6 TREEICOWTHET 3 & Zicfv
TR L T,

(a) (b)

0.128 1.028
0.117 0.942
0.107 0.856
0.096 0.771
0085 2 0685 &
0.075 @ 0.600 g
0.064 = 0514 2
0.053 E 0428 E
..... ( 5
0.043 Z 0.343 =
0.032 0.257
0.021 ?' . (l);é
0.011 .0

0.000 0.000

1.0 mm 1.0 mm

7-5. BWREDHEICEEZEI VIR 2 KT 7=V T A4 AV /T e
7 AL A 4 v ([Fe(CN)]*/[Fe(CN)6]*)10 mM % EHE D ki g L 72 (a)BSF
LAAS 0354 (b)BSF 5 LAAS O, H A & B2 X 7-6 TIREEIC oW CHllET
L EICHOERZRILTWw5,

7-6 |ZEMOBREHEE X NS ETOENME 1 & L 2ROk 2 Bt T h
BMMEZ RS, A, BEIZNZNH 7508 A, B3, HA2LEBETO 1 XT
DB Z BROHFI(E 7-5 DR A) DIRAfEZ FEHE L L CTIESME L 72,

g

Z Iw--@ O LAAS with BSF

20 ' [JLAAS without BSF

Rz 0.8

£ 19

o !

206 Ly

>

N _ 04 LIS

s 3 ©0.0.

E 02 0.

S< bpegpgooo2oCO0e,

Z = 0 Lot 2=l
0 1 2 3 4 5
A B

Distance from the electrode center (point A)[mm]

7-6. BIOHRLHEE I N EROERMEZ R AERME L L C & olER b
7-ENAE ¢ BRROTR( 7-5 DR A)ORKEEEREL L CIERE L 72, M BIZK 7-5 ©
M B %IRRT, mAEGMEIZ BSF A LAAS 1.0 pA, BSF # LAAS 0.12 pA, #E o fERE (3
il ic > Tix BSF 5 LAAS 734 2 1.5 mm, BSF f# LAAS 74 2 1.0 mm),
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134 REKRGFRE

7-7TiC7zus T AIA AV /7 2 a s T A4 F v DRIEEIC O WT OB
FERTFR I % s 3, BSF A LAAS 7354 2 & BSF it LAAS 754 2Hik% 3 5% &, BSFH
LAAS 734 2D /7 I3 BIRMEAEAINC ER L Tw b, Chifere 7 =V ¥ T VAUIIA v/
Zxud T UAYIA A VIEE L LCTERL A, Tieo X 5 aEBRAAE LI,
BSF it LAAS : I = 0.024 Ceriftere”®® + 0.0094 (R?=0.99, LOD=17 pM) ---(5-1)
BSF A LAAS : T = 0.30 Creri/tere®*” + 0.059 (R2=0.99, LOD=270 pM) ---(5-2)
IR O WTik_ %, BSF A LAAS 754 21 17 pM, BSF it LAAS 754 2% 270
UM & 72 o 72, BRIRFR OB A2 5. BSFAH LAAS 754 Z QK131 b L 7=,

1000 O LAAS with BSF == Approximate expression o
[JLAAS without BSF - - Current(blank)+3c o
100 f-g——=——————————————————og" ‘ g
= Q @ o) @ (o)
g |
Bt e
= o = T - WY - WO
O 10 a8 = 8
L

0 Ci00p 1n 1om 1000 1w lop 100 Im 10m
Concentration of Ferricyanide/Ferrocyanide ion (Cg.pifero) [M]

7-7. 7z VT A4 A v/ 7 2 v v T A4 4 v ([Fe(CN)gJ*/[Fe(CN)g]*) D
PR Z L OFEFAE : BSF £ LAAS 754 2130, BSF f LAAS 754 213OTRE NG,
FEER (2. BSF M LAAS 754 2D & & 1=0.024 Crerifrers® + 0.0094 (R2=0.99, LOD=270
pM), BSFH LAAS 734 ZD & % T = 0.30 Creri/rere®*” + 0.059 (R2=0.99, LOD=17 uM) &
AEE N,
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74 ER

BSF H LAAS 754 2D a v b F—EAEDIRICOWTHRE, M 7-3 XHifiT 4 =2
o -V EEIC B W, BEOFIEERS AT, b 9~ OBED R NIFERA TR
BiERToeick ), vay bEF—FEALAA - PRI NTHE 2 LRI N
5, ¥72, BB RDOIEHICOWTOER 2k~ 5%, X 7-4 XY BSFH LAAS 754 2D
FiBHNEBERMEOE L v EAFHERI NS, ChIXEREBERICX VEIES ¥ ) 7E2 A
FlL7co b lHEI NS, CNICX YV EREABBHIN TS L BHERIND, 0
HOHFATNY FF¥Fr vy 7% ET 3L, 0.14~0.16 eV &7 2, fhDHEDAEO0.1 ~ 0.5
eV)[91-92] % Mic s 2 &, AW CHEEL 72 LAAS BREEERDPIER I L TWE LD
HEIND,

VRS KA 1o O v T, BSF 8 LAAS & BSF A LAAS % ik L =% % b~23, X 7-7
X b BSF # LAAS 734 RIZb~_T, BSF H LAAS 754 23 &RMNICETRMES LA L
T3, EEAG(T7-D), (7-2)0@sr b R_Th, 58 B 1HI1FITFL L. RE « £10.024
25 0.30 ~HH S DB NATHERCX 7=, LAAS 137 v<=u X F VI X Y BlHlIERSRICE
T e EzONE b, BHLZFERN(2-6)D o ZRIGEEER. B 1IRIE
RENCHR L2 REIC BT 2 RICORER KM L 72 ERTH 2 AlREEA G VW EZ b D,
B o OHIMIEmMERIC X Y EBHREmCEHE I N2 Fr )V 7TERMEL, 440l
BICKIEAEEI Nz L IR T2 Ezx b5, $-MmHRFICO W Tid, BSF
LAAS 734 228 270 uM, BSF & LAAS 784 228 17 uM & 72 > 7z, BSF & LAAS 7 ¥
A Z2DJ755, BHRR A EL 72, BFEO LRIty 77 v 7o EFRMED EF L T
205, 77 v r7RBOBRMO LA XY EEXOMWEE a D LARKEDP >0, fEREL
THRIERAREE L2 #E 2005,

F7. 1 pM U TIc B 2 FEEOETICOWTHERT 2, M 7-7 OEERFE o 13K
Z 1k y b LZRDOSEIR X v v LZfETH 5, RO 1 v b EIEICT 2 fFE % HE
L7222 A. 77 v 70 ER% 5%y + L7zKo BSF A LAAS 734 2 D ENEE(CF
BB L OREHERZE) 13 0.0029 TH Y CFEMEICH L C ORI FEI 0 25 B #ifH 13 0.63
TH o7z, E7z, BSF #E LAAS 734 A DGEIIEEREA 0.2, “FEAMEICK L T OKIREE
I D BHHIPHL 0.58 L7 %, TNO DFERD O | KR O LB EIFHIZHE 7 v+ 2 (& v
bR EF v EE) DI X ARSI CHEAEE SN,

TRICHIE I 1) 5 BSF 5 LAAS & BSF fE LAAS # [b#z L 7288 %k~ %, X 7-5(b)
X b BSFH LAAS 754 ZF IS L T 2 R O fEFT O JEICIC U AT X 5 ICERfEDN A
BRoTWnBETBERTE %, X 7-6 1CBWTh, BSEF M LAAS 754 X I — 2 F T
v — 777 — 7Ixt LT BSF # LAAS 754 23k 1 — 7o T3, K7-6 &
DB L L CER L T 2 2EffilEIC DT, BSF # LAAS 74 21 1.0 mm, BSF &
LAAS 12 1.5mm LEHE I3, BEREICOWTIE, L&D LAPS T b it E o i
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A, FHMREOHMAZR &R F2 & BMEIN TV B[25]720, HMRESHEMT 5 2 &
ZHARR L 7228, EBOBIEIZMML b o7z, ZOMAZUTO XS ICELET 3, 7-
8(a)(b)IC LAAS NOMEL T ae ¥ ¥ V 7MEEN T 2 E& X 2R L7z, X 7-8 (c)ic
EBARMNICET 5, WBE L 2N DRE % /R L 72, Lambert-Beer HlIC X % & il D5RE
BFRT-3)DLHcERING,

I(d)=Iy exp[-ad] -+ (7-3)

d IZEEOFEREZ 0 & L2FOE X, [(d)IREX d ORFORIEEEHRE, T3z L Tw»
7R EEREE, a IZEINRE AR L T\ B, BN OB IR T % ¥ v U 7T BICHE
T3, DM IR T B Ll 2o, itz ¥+ ) 7 8 5B
IR LT, K 7-8 (a)ic/R L7z & 51 BSF it LAAS 754 23 W5 & fu 7= il e,
FEARNTRERICHREE 35, ZOhOEREMIT TS L7z F U TIEFAIC
Xovkbnsg, 5, ZZEMEICHEIN-Z*Xy ) TIIEREICTFST 5, K7-8(b) i
7~ L7z BSEH LAAS 754 ADE 1%, [FIRRIC ST 4072 B (328N < 2 RR I
LE 35, HEEMMICHEINzF v ) TIZERBER L 72> T3 Si(p)/Si(p*) TR
BRANT, BRMEICEHELG T2, HZEMOCHEINEZF YV TS L,
Si(p)/Si(p ) FHEDFIE X 4172 F + U 7 IZ SRS @ iR I b F v V) TEBES WV,
JIHACCHRIE AS5R > Si(p) /Si(p) T Tl S =% v U TIZERIEICKE L HFE5T 5, F v
U TN X - R A b B A Z A~ LR L T K 72, Si(p)/Silp) fFE Tl X
v VT REZEMECHEI N v ) T I~ IEBL TwE | REDK T %
FlEE 37, “RITIIEIC BT 2 BR DGR DA I X o T, F v 7 RIcE#EATRe 7 HlE
HOER/EE L2, chidevHicsFsALv—7y boREICORBEEEZLND
(93] FREE A b 13 P8R D IR F — v v ZIic BT 5 ¥ ¥ V) 7 OYLHERE %
LT 2TEPETONTWS[94-95], LarL, AED XS REEERIIKEGEEBD Y
Fics T 2R ERA Lo HEE LTF v ) 7 OS2 IEZSEZ S TH L, 2D
7o O EHERIC X 2 HRA N E o EIRIMRA L BRED b L — F A 7 OBIRHTE
THLLEEINS,

61



(a) (b) (c)
3 Excited carriers contribute to
LAAS E . the sensing signal
: = " (in LAAS without BSF)
device =
a
Depletion| Q i Excited carriers contribute to
layer % I the sensing signal
E (in LAAS with BSF)

Excitation p*layer
beam The intensity of

e electron excitation beam

X 7-8. LAAS NOMEL TWwW3 ¥ v U TILOMEK : (a)BSF # LAAS 7 N4 2 D5E
(b)BSF & LAAS 734 2D 6 (c) 754 AN OHER D ey ABTIREEIC 35 1T 2 it

D RE OB

BSF H LAAS 7 XA ZR&AANA ZALV—=T v b T LAy L LTS A, EREREEK
T2 =7 REEMORIE ICHDETHIRT 2 HEDEZ LN LA, W IIRAE
TR DT EALIE 1< D A 2 W3 2 72 IEHEERE X © b EREREL 2 ichd s 714
it chid, EROMEDE T IIMEICALAVWEEZOLNDS, ZOWFEICO VT, H
MR V) THED Y T2 —va v EfTH &L bic, SN AR T X 5 #iFH CIRAK
FRERRRICZR S X 5 1c, NBECEMERDOEI R LD F v V) 7EICE D 5 EH
BRONT A= 2L L T T ERSHROBEE LTHTLND,

PIEXby, BEEEFRIEERLICEN LT 7o —FTh 3,
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B8E. R & fERlE RIFRM & L7z LAAS AIE 75 /E DB

8.1 BMBMIICDWT

AWfzecid,. RHRR AR X 3720177 v 7O FEE() % TF 288 B3H 5, a D
BHIIEB D AT A—2H B0, Z2D—o% LCEMDEMIC X 5 AR & BB
EOLEBBDH T oD, WRIC 2HEOFEM DL 5 E ﬂ%&?k$@®lv CHNANZ
BT L, BRI O SOCHE D XA L, 2 hic X 0 Sl & /KSR o S i E 674
#%ﬁt\&@?ébaocw%@%%&t@m\%ﬁm%@mﬁu~m@%V$r%ﬁo
7= OSIEM, (ERM, M O K S 2 ZEmES - Ricfibn s, 2 olkiEs
NV A FDORIC K BHHRA A VIREICH KT 2h oS REMEZEICA YT F VY 2T 5
DEDRD D, MA T, IFERA A v R R RET 22 e offiEe LCEMICARD S
T AR CTHEEL T 5 X5 RBUNEMOBEEICIZ AT — VOB D HERAHEEL Vv,

— 5. BRI ERR & R SRS WA S aEETH E A Y v P ROz, K
W CHRE L T A BUNBBOBIEICH W2 2 EBRHTH 5, AHF5EOHIE F OB H
Mizowcit, MEROISEEIIT 2 2 L, 74 ABUERFICRIBICEKE TE 2720, K
I3 2 LAAS 754 2 0 BMTERMGR) 12 Au 2 FlvT w3, —J7, 0t & iR o Befih
R LRI O KM <720, IR E HeAIAL T 2 BRROHR) 13, EHED ITO &
MEHVTWE, ZNbD 2 MHOEMORR 2B MEH TV IHUERTHLI LD
B EBFED L RBEEHT L2 PEEINS, TOEBENITH LT, RIFEOHIE R I3THE
RN OBLETER AL Y A P DORITHECEMZRE L T d 0, HICEMEIT—E
THOVEEN L nEEZ Tz, 2D, KkAabiX, N b7 —Fre—ay FLAOD
e, BE DD I WERMEO B 0 R TE 233 TH 5, Lo L, EROM
LR TV E HMRIREE DI, HFRIRAD % /R 3~ FERXAEH T & R WA B o 7, “HEEIC
IR I DRI/ AR O BR _EE O KR T v & v VORLE X BERMEICGEET 57
AV FBFEET B(28] 2 EAME I NT VWD, ZD720, KIFEOHIERICH & DEME
BICEH LT 7o —FABRMEOLEICORBY, EBAEHCTE 3L 5ickh R
JREEE Bl o b EE X T,

RE T, BIGETWE MEBEERIC, 27 4 T — 2 OB EHHT 2@ %2599 < A b E
BrucEME»E L s kick? %ﬁ1#$ Eﬂ?é}ﬁ:XA%mﬁLtoECWm@
Rt AR CEMICT B itk . BAERITHIHE LIEKEEIC % B2 %E L
HEEAR M B35 28 2R L7z,
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82 MBIEFE

8.2.1 BIEAITE

8-1 ICENMNAHE DMK 2R3, SIcit Ag/AgCl 2% 7z, Au & ITO % &Eiii
ELTHWz, FMOEEHE & LT, Au iIEAMOKXREM, ITO TR & L CTHEED
LAASHIZE S 27 L THWT WS 70 Th 5, BMZIRL TH 5 20 53D ER O Z HIE
WRIBEROBMNEEER L, BRI 7=V T vt A A/ 7 ca > 7 L4 4 v
([Fe(CN)4]*/[Fe(CN)el*. Sigma-Ardrich) 25 100 pM ~ 10 mM (100 pM, 1nM, 10nM,
100 nM, 1pM. 10 pM. 100 uM. 1 mM. 10 mM)% HZE L 7=,

CE RE

| —Reference
| electrode(Ag/AgCl)

Working electrode ~ Counter electrode

X 8-1. A ZHIEOHESN « ZHEMICIZ Ag/AgCl 2% 7z, Au & ITO 2 &EMi& LT
vz, SR 7 =)V 7 vAt4 4 v /7 =a > 7 A4 4+ v 100 pM ~ 10 mM
(100pM, 1nM, 10nM, 100nM, 1pM, 10pM, 100 pM, 1mM, 10mM)% &
L7z

4 8-2 ICAWIFED LAAS DJIER & BAZAZNE DI 2R . LAAS OB 13 IE A %2
HAAL T BIRETH O . SAEMM, ITO MO REIZ LT\ 2, 2 OHIESR 3
INTH B & Tl EER AV 2RSS L wEe, LA 4 v 2 RERIcE ATV
Wl oBHEmEH S 2 LBHL V. 22T, K 6-2b) IR LX) ic, &M
ITO #Hiz Hv>T LAAS OHIER 2 BHE L 72, HICKEMICSREmE >R Licky
HEMOBMAB P HETE 2,
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(a) (b)

Counter
electrode|
CE RE
“|——Reference
| electrode(Ag/AgCl)
Working Working electrode ~ Counter electrode
electrode

B 8-2. HIERFED Iz D& - (a)FERED LAAS DHMIEBRES, BRI & nHiR-Cciam % B
Bk T 5, (b)LAAS DRITEIREE il L 728 u#ME®Mi%?o¢%ﬁaﬁﬁ%@
WISR LTS, £/, SHEMET SEMICORETEMNMELMS Z LI . B EAOE
MEABZHETE 5,

8.2.2 EERGM

I-VHIEX 2.5 D f5FEEH G, 72, KPR I N Z L 2R T 272D ITRIMEA X Z
(AnMo Electronics Corporation, DINOAMA4113FI2T) % F\» T, #HIE L 7z BB O EA T D
22 Z RTINS T T b 2 & ZHER L 7o IRFEREFRAERIE 121X 2.3 o J7iEZ v
oo WMIENRELT, 72 )TVt AAY /7 2m 0T ‘/ﬂi%/f 7 v ([Fe(CN)gJ*
/[Fe(CN)g]*. Sigma-Aldrich) i[d] U#l4 < 100pM ~ 10mM (100 pM, 1nM, 10nM,
100 nM, 1pM, 10pM, 100 uM, 1mM, 10mM), XFpfE& L CHilEF + U 7 4 (Fk
)01 M ZRA L 72EREHE L2, fEHfE LTl LAAS 754 0K Au
Thb, REICOWTIE, MRIC Au % H 7= ERHR & w236 U B ol sz L ITO
& P 7 AR HTHR & it 2358 72 2 /M O HIEBRIE D 2 38 ) O RESMF 2 HE L 72,
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83 fER

8.3.1 BIEAIE

Xl 8-3 ICHEMAMIE DFEREZRT, D& Olx Ag/AgCl EiRICx 3 % &l Au - ITO O
fiZRL T3, Au D&ENMIZ 1 pM a2 bR 4 ICZ{L L T3, —J7 ITO O&ENLIZ Au
ICH AL E L T 5

500
450 © [] 1o
400 o

350- O Au
300 o
250 S
200
150—
100
50 -

0 T | T T I T T I
100p 1n on 100n 1u 10u 100u 1m

Voltage [mV vs. Ag/AgCl]

Concentration of Ferricyanide/Ferrocyanide ion (Cy,,i/ero) [[M]

83 7z VT vitA Ay /7 zuas T AL A F v D ([Fe(CN)gl*
/[Fe(CN)6l*) & & & BIGEM © [1F ITO B BMZE), Ol Au BiEO B8 %

ZNEaS
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8.3.2 -V %

[ 8-4 12 LAAS 754 2D I-V Ktk 2 m 37, () 2R 0HIH O I-V Kk, (b) IZERMHED
PR %R, AR RS R D FrlE. ERRITIEIRE R O Feik 2 R 37, JEIRETRE D -V
FREDRBBFRICII TICY 7 PICL TR EERHERINE, ChIF 7+ F XA 4 —Foik
TR ORE E R LB E 2 R 3720, BYEL7Z LAAS N4 RE 7+ b AAA—FE LT
BEREL TV e MERTE %, $7-. XM 8-4(a)D X 5 ITAIIIED LAAS 734 i3
NATABD Y — 2 BRHBTERING, L OBERBFHEZE> TG L LT,
HIERMDF 7y F B> T 0BT EBEZLND,

Light on
Light off

200 4
150

100

<

15 20

Current [pA]

-50

-100

-150

-200

Voltage[V]

. 20
(b) ............ nght on s
Light off 10

5 .

010 005 A 005 0.10
s Voltage[V]
< |10
= |-15
2 120
=
O

4 8-4. LAAS 734 A DJESCIETR & JER IO I-V FHE BRI R o T-
VHIGE, FERRIZNESCIEIR S R D 1-V HIE 2R 37, (a) 132K, (b) i3 (a) D5 sfHE DL K

X %ZRd,
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8.3.3 REMEF R

8517 zus T AtMIA AV /7 2 a s T A4 F v DRIEBEICO VT DEFRED R
R 2R T, £720 Craien 2 7 2V ST VA4 F v /7 =0 o 7 VALY A F v B
ELTCERLEGS, Tio ko aEBRALHE I,

VERIfG & i3 22 75 5 Fobf o HIEBREE -

I =0.024 Creriftero + 0.0095 (R2=0.99, LOD=210 pM ) ---(8-1)

TE RIS & 23 [E U bt o HIEBREE

I=0.016 Crerifrero + 0.0056 (R2=0.99, LOD=17 nM) ---(8-2)

VEFIG & 3t 23 ¥ 7 2 SodF O HIEBREE D /713 10 pM 13 &2 & FEER 25 © & 7SR &
o7z, —J7 Au DJ71E 100 pM ~ 10mM CTHEERAX 2@ TRETH %,

(a)

0.12

0 ITO (C)
0.104 O Au(C)

0.08—

0.06-

Current [pA]

0.04

0.02

0

| I I I
10p 100p Im 10m

(b) Concentration of Ferricyanide/Ferrocyanide ion (Cy,,/er0) [M]

0.040 - - —

0 Different material condition
0.035 © Same material condition
0.030 4 ——~ a+3o6( LOD in Different material condition)

--—- vy+30( LOD in Same material condition)
0.025 o
0020
0.015 .

il |
0.010 8 o 0

777777 P o E g

0,005 o ¥

| <L | | | | | | |
0 100p 1n 10n  100n 1u 10u 100u 1m

Concentration of Ferricyanide/Ferrocyanide (Cy,,i/rero) [M]

85. Z7x VTt AAV/7 a7 A4 F v ([Fe(CN)g]3/[Fe(CN)gl+) Di
EZ e 0B - Do ITO Bk & & (FERIHR & nfifos E e 2 FEptollEEE), O
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IR AS Au RO & & (TEFG & 023 U B o JIERE) 2 R L Tw» 5, fid g
(f FRR & s 872 % M OBIEBE < 1= 0.024 Crerifrero + 0.0095 (R?=0.99,  LOD=210
uM ). TERIE & 3t As[E U B O HlEBREE 1= 0.016 Crer/tero + 0.0056 (R2=0.99, LOD=17
nM)) Z 7R T, (a) EEEMER (10 mM ~ 10 pM) Z kK, (b) KA FEIK (100 pM ~ 100 pM)
IR L 72 % R,
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84 EE

AWFFEDHIEZDMEE L TV RHRICc O WThR 3, AW OHIE % Tl EMEA 12X(8-
NIRRT ALY R FORXEFEEL T,

RT a
E =E°+2In(%2) ~(8-3)

(XEMEN, EOIIEMEBMREN., R ITFAER, T HRE, n IBHE T Fix77 7

TEHL ap AU IREE., ag lETTYEIRE 2R3, K8-3 X 0 milEHEN (10 mM ~
10 pM)’C IZ AuFEfR & ITO BIRDEIXIZ & A LR, BEME N RICETYE I X D KiH]
INTHEY, ANV ZAFDORIFEILLTWB Z EATERTE S, L L, (KEEFHEK(100
pM ~ 100 pM) Tld. BE{LETCWE O EBMEN 2 HHl T 28288/ 20, ALV R+ D
HITZL LR, COFRE AL VA FOROBILED S R 2 & BLERTTYE OIS

K5, WHOHKIZFA L TH, DL OB BHEOMEEZ KEL BT EE3-0LEZH
ar

N5, KRREFICIXENOBGIT 25810355 72 % 72, BRROFEMCREIRE IR T
B ERER I N LEINS,

ZH 6 LAAS OHERICEHRT %, X 8-6(a) IFHIERFOBIR L IBROMIEEZ KT, &K
ﬁn@ﬂ*%@@mmk%ﬁ@%ﬁ’“M##%i?éawmtfmé(ISﬁQO@ﬁ
). 0BT EMDOEN IIFEMOELULERT v ¥ v v AEFEBEBICTKEET %,
B 8-6 (b) IXfFEMIHR & WHRAHE 7 2 FMOUEREE T DX 8-6 (a) DFEAMEIHE % RT,
B DI & RE 1L, BV OME & ARIC X > THRR 3, BROFEICOWTIRA WIS
HLUAI HANICHEL, KE IOV TIEERGE W3 R 2 EMORIERE 0720,
B 6-6 (b) IZR$ &9 ic LAAS OHIERICH A2 —EDEEL LTHE-THwELEZLN

(a) (b) é (c)
Pre— i

Electric field O —

(Counter electrode) -

~—

Electric field
(Working electrode)

Solution potential

—J>H

Schottky photo diode - I

X 8-6 (a)LAAS JHIE D EMALE DMK, (b) R 2 ZMOMERE T ICET % () D5
fiilmlEs, (c) [Fl U EM OBEEBREE NI B % (a) 0l [,
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5, TO—EDEED LAAS OHERICKITTHEL LTUTD 2 20X =X L% HE
LTw3, 1) LAAS 74 RAD 7 % b XA A — FEpICHiNg4 7 AL L CREBMNAESFEL
TWhHREME L 2) BHESEEE L L CEE L., BLRITERIGEEL T 2 HREETH %,

1) LAAS 74 AD 7+ b XA F— FEPICHANL T RE L CEMENIFEL T BHA]

REtEIc O W TiE, —EDEED LAAS 74 AD 7 XA F—FNICEAINEHN4 7
ZELTCHREL - EZDbND, K84 IR T XIHIC, LAAST AN ZADT7 5 F XA A+ —F
DY — 7 EFRIZ, WA T ABICHEINT 2 2 LR TE S, L2 > T, KB ICBNT
TECETCE O EMBENHRFN 25T R0, WA T AR o 725558, LAAS 754 2D 7
A P EAA—FED ) — 7 ERIC L o T, BEIREOALENES G ERZ I, T OARLEN
FRHERAZEL SRz FEZLND, :@I%%%«@ﬁ%ﬁ}: LC. LAAS ¥4 2D 7 # b
EAA—=FEHRO a2y P F—EEPATELAEILICLE ) —7ERBPELEL THEDT,
vay PR -EEOBEE LT c e BB TFong, 42 EESEELE L CEE
L. BMLETCERICHEL CTw 3 a[EEEIC D W Tid, EiEERIZ LAAS 754 2D 7 + b
ZAF— FE 5 ONEEIEDOAPBEILE LT > T3 I Tk LT, KRERIX
KR EEICMA T EDEENEE L T\W5, D7D CERMEITE{E TYE
IRIE L BRREN OLBNNATF T 2, Z D70 (RIRERICEROANREEF X X h,
BBRERENLZ2EZONE, Zb Do nREMIIHR L <. Bl iEéle]“y’“%# G
MR D FM A A VIR IR LEGE D ZHME MR 720 BEED A RICIiZ@E L T e
EEZLND,

—77i. B 8-6 (o) IXFRItE & xfiA3[E U FEM OMERSE <X 8-6 (a) ORI % R
T, BHGEMAITE L Wiz JIE > AT L DOIFHE & FEHR D FLEH ATV D B 5T SO0 77 A1 AR K
TN ZNC Lo THWIHTBIHLE I 720, —EDEELEOL W EXBEIND, %
D DERERFD WAL T2 LTEEELEER INTE LT, EiEIHERE CLE
LtZEzond, ZOFR, FLRMONEERE O TEIIMBRAZUGE ICE -7 F 2
bz,

TOWEICOWTIX, XY EMEEFB DL LAAS IKHWE Z LD TE 328 BOEER
EBSHOMELE LTHEITONE, DB XY e fERRE FRRM & 3 2 000E 75 3% 1m0
EALICERTH 5,
$72(8-2)iIcoWnT, KEDT L 2L, 7T BOEMEREZHA VT AL ZEHCT WS 2
B, VHEIEER & & AE A [FEAM L 3B MIE IR OB S R FE RS L2 HE
FETH 5, ZOHAE LHDEFEIC X W BRERAIL 17 sM 2 FEBTE 2, ZhicX R
WO HEETH 2 10 uM U T DMIIRA 2 K OME S AT LOWK ZERK TE 2L EZ S,
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Bo%.
AW E TR ER O HREARRICH 2 2 L 2EL LBXALET LA 2 v
(Light Addressable Amperometric Senor , LAAS) ZFA¥ L7z, L2 L., flfffgg e e L <.
B CHIV 2 72 0 1T IIRHI R MR G RIRE R A3 5 5 o AWFFEILIIE > R T L 754 A
B DRRDT 7n—F 5 LAAS OFEKEEICHIY i, SEREATEZHS 220 d
LB DOWTE 2 FEhiti L 72,

FAE LAAS ZH WV a—2AF o X —KEH Wi 70 a— ZREHIE OWF5E
BALRTTERD D CTH B /N A — A4 F v X=X 20T, A D7 a2 — X B
T HEMEZHE L 22/ER 2R L, B3R & RIGEITTWE %2 v 7 SR D CEy) el
ERIFIT DV THEE L R 2~ 7z,

FHE &E/p BEAY 3 v b F—EAEH T LAAS 0 #E

MALETTWE B ET 252 2 R OBRRICOMEICHEL 25 LT, @F/p B8k 2
v b ¥ SR M2 LAAS OBUETEORET M OEREDMHER 21T o Tefi k2" Ly A7
V—=VvZ7He vy LCHokhiiEzfiol E 2O LI LTz, T2, Y3 v P F—HEH
KT 2 REHEMD 2 v FREICHE L, Y R MERSSEE A TH B T L
N L7z,

FeT  IEKIRIRIEM % H 72 LAAS HIE o5

LAAS RO TR v 2ERENT 2720103/ 4 X 2P L CES 2+ s 2 L 88
HThh  HFoNLMEMBEMERT 2 BHZEYICHET 2 05035 5, 22 TIELAAS O
I ARG LRI N YV TNVEEDKDE RGO E %P~ 5 72010 IEKIEME
2 F Ol 4 O IELE T E IR IS 3 5 B fE & JE L CRREEZ 1T o 72 iR 2 R L 72,

F7E BEIEER%E M2 LAAS 754 D%
JEKPZIR FIC D7 A3 2 R ERE O K AlRE L 372 L& 2 b1 2 BEHER OBl 2 8A
L7z LAAS 754 ZD8UET IR OBET M O HRED R 2T o 2R A R L, A7 Y —=V
THE Y3 e LTTHaBEREEZRi o2 L2 HLMIC L, 72, BHERIC K 22 v FEE
DR L FRGE~ DB OWTEREEZ R L 72,

58 E Nk & AFAIMR 2 [RIZEM & L 72 LAAS HIE ST i D it 5E

6T EFRRIC, A XK 2 RE L TR T 234 & LT, BILETTYEIRE IR 5
BB IOV TGS L 72, RER DR & (EIIR 23 58 72 5 b &2 v 3 J5ikicxt LT
FZEMEZR I L WIERZRE L. A2 ORLETTYERE CHIE L TR L 22 #558 %
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N L Tze Z ORFRICHDE | 0 & ERMRDOFZM DA EDEIC L > TROLEWEDLZED 5
AHZRLICDNWTDER LR 72,

¥ 7 8EOFRT, MO L2 HEFHIC X Y BRI 17 aM 2 EBITX 22, ChicX Y
AHIHOHETH 2 10 uM LU T OBIIRA 2 F oMk > 2 7 L ORI 2 ERTE 2 8 H 2
. £L® L LT, AHIFETIE, LAAS OBEFEZ &0 7o @EEL~D FEZH 522 1C L
7z
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