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BLIE Fim

1.1 KEHGEOBLR

Rt T RE72BA %S HAZ (SDGs) D 6 DA — L[240k EM L Z LI Th IS, KE
G YDA RS HZ LI TKIRE L THR 2RO TH L. WHO DEEKKETART A
TILBRIR R E IR EAC PR, AEY, BERPEERED 3 SICR SN TWD. SHhicfk?
WHEITHAREY), ERY, &R, ZTOMOAF, BIED 5 DI, MAEMITRIRIEME, WY A
VA, SR, JRIRMEIG B, FRE T S0 TIT, HERAY 6 SOHRK SIS, Zhbnsy
HOHFCTHEALFEWE, A OB IC > THE RSB RIEN U HITWOBI].

ZORTEBITERNC, bUITARRE TH RIMICERL2HE 132t #m, HOV 8 M
FMEZRT[2]. FICEASRIIACKAEEDI L CQRAEE I &R . EEEORAIR
XAREROLOENZHROLOO 2 I 7T HN5. HIRBEROSEIE, SLARHIEOHE
HDYE I LT A B AL T AW NI AT 528030 5.

FIIRFEVER A 3K R IBYSIE A 5 | X 23 [1]. R R R O BB IR L U CI3kiE K, R
BEK, HEWEROK, SBRE¥E, 13, LoV —Tal dg5®), mHEKZREDIEERKOF MR HSL, 3, 4].
FEFAER A O AEFUL R IR MBI OIENTHD. LoT, BAEY, K&, v hDHk(H,
AETEPEK, FAMELK, AT AKEOA — =70 —, LB K72 8 2N B R AR L
72015%[5, 6].

1.2 BATO ML

IKE NI A EIEL S HTERSD . AEIELL, By OEMIHTBIOERSIITEIT
B, ERREEEE, EELLAXTIUTHETHAE BRI, FEFTICh W THRESNI- HIEE ).
SR, MAEMRERIZB W T LIMEDENE, B LUXEESITETIETH5EG, TDJ
FEIIROBFIET D AR Z\. L LRRD, 2 TOHENFE— O REEE T LITROZ
W, FERORI—ME T 5720, RO S E O I IELIERE CTHRET 256
WD, TNBIRESNHTIENAELETHS. TOREEDOHEARMER DT W H 0 FIE X
Tk 2 7o BB CREIE ISR LIS RS T2 IR ES D,

— 05, DNEEDZLL, @OKEENRD NP X NTMIRINT TSI T AR 72 5. BiTALER
HE O TN BN DV TIZ R R HGFRA LI T, DO ERO B & 7R 578 P %
EGODLENHHERICE T DEBOEMIIREN. LHLARRNLFEBICIIAKEK, FAMLEK, T
LK OKEICEATOHEREBBILELEVEWI=—X0b 5, KEHEF THOTHKE
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HIEZATHOZENTE, fERETURITIR T2 EPMEAESNOG AT, L EBEICBIS TK
B CEHTENMELRD. L5 HITIEDL, KREETROONDEMRBIELENE T 2L
(ZEVZAET, G TH A BEIER I E TELDONFHE THD. Lo TEMRIKD 35 FIREIC
720, FHEFTO A HE R HEOF B S OREERIC S D, TROBEIOHRELHE
IKALPLERE DFECNT 7T NI EVECIIR, BlEZ B2 TUES ATReEnds. Al 1
DREHEZEIDPROPETINZ, il 5535 ID B & 7K LA FEk 91T, duRic
FRONOBMEIZ LY B EHNOKEET =y 7§58 T, B ORI R, ML FREL D,
AEAGERS 1A T KBEIEIC IV EIRE DH L KEH BIZOWTE, S¥EHICL> TTER
E OBV L H BRI C 3 T 52T > TORIZRTEITFE AL TOZRWEHIET TE 5. 5 ot
TEROBETIEFICEELT, FERED IR 2= —vay, BIROGIFIN, BIREREEDI
BNZOIRND. DL BBk % T2 KB O G TR % AL b A— T — B 5
RIESNTND. BIRD LIRS 5 AT TED SRS EERPIR I RIB D I A E TR LA~
2.

BKEHYE DR L Z N AT T DN EIEB LU 5 o #Tik% Table 1-1 1IZF L7z,

Table 1-1 /KEGYE OTEME, AIEWL, 5 0 HTAT]

HYEE INTEE (GRS
HHEY) BOD, COD, TOC, W&t L% COD & 5 43 #rFh
AF a5 40—, )
MR D) 7ua—7 =R D AT (bh k)

Ta— A I A T

R, ICP, ok X #rik,

HEJE o 7a—7 FEEEIRO M (Lh k)
T ) —R AN TR IVE AR —E

=28 GC-MS, LC-MS

WEW 7L —hHh o ME, gPCR 2 AL v~ NE

AAFFETITESE, K OMAEY ) I2 L TE B L., BUEAWSI TV S HEA B o HTE
IFEF WS HTIE, JRFHOD IR, FBEMEE T T XS IND Ik, FEMETI7A~E
BN, WAL AN =ik, SO X BRETHD. ZNEDHTEDRFTEL TR, EHRMEI &
TeO TEME W IEMETHD, MRETHD, RENFTOND. 2O, ZODREEITNIEE
ELTRSHMEN TV, FETEL TIEREN @A THD, ALEPHMETHDLLNZET NS,

fli 5 TR L L TR RO/ O R, A7 7 RN Z AN =3 D, ST
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FI T iEIT A B SR INICHE A T2 T (Fu—7) Y o FVCIIRIIL, 7 a—7 NEERT 4
& JB L ERANLAE & LTl AL T2 PR RN (AT I RHOIEART V) & T T 5 28
TRBIREZITE T 5. LR a—T PERIIY—F YD SR EDHEST DT,
OB BELREGLTLED. 2O OREL T 20 E I EMBEEMIIND. YiEWE
DB LRRE TRHS NS, TSI T D AIEIC I D& B A4 2R E LT 5 b ik
[ZB T DIERIE L2 D BARS, OB EYE D% Table 1-2 |27~ 7.
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Table 1-2 HIHRD HLATEICI D@ BAA L ZARRI L LIZfl 5 D HTIEOIR R E & 2 A SRS TR
T o, HEWES, 9]

FEH SRS TR 35 PHEME (> 50 mg/L)

Mg(ll) Titanium elongation Cu(ll), Fe(ll), Fe(H), Zn(1l), Mn(11), CI
Cr(11), Cr(VI), Cu(ll), F-, Fe(ll), Fe(ll),

AI(IT) Eriochrom cyanine R POs*, Sn(Il), Mo(VI), Zn(ll), Mg(ll),
Ni(11), Pb(11), As(111)

& Cr Diphenylcarbazide Mn(ll), Phenol, ClI-, NO%

Cr(VI) Diphenylcarbazide Fe(l1l), V(V), CI, Cu(ll), Mo(V1), NO2

Mn(I1)-Mn(V11)

=i
(s3>
T

@D

Fe(ll)

Fe(ll)

Cu(l)-Cu(ln)

Zn(I)

cd(i)

Ph(I1)

Potassium permanganate

O-Phenanthroline,

{2 £ H ; Basophenanthroline

O-Phenanthroline

Sulfosalicylic acid
Basokuproin
In drainage; Sodium  N,N-
Diethyldithiocarbamate
Trihydrate
1-(2-Pyridylazo)-2-naphthol,
ik # A ; 2-(5-Bromo-2-
pyridylazo)-5-[N-n-propyl-N-
(3-sulfopropyl) amino] phenol
Disodium Salt Dihydrate
5-[N-n-propyl-N-(3-
sulfopropyl) amino] phenol

4-(2-Pyridylazo) resorcinol

Co(ll), Cr(Ill), I, CN-, Cr(VI), Fe(ll),
Fe(l11), Phenol, Cu(ll)

Co(l1), Cu(ll), Ni(11), Zn(1l), Ag(l), CN-,
Cr(VI)

{ECIR EE A AL, Cu(l1), [CN-, Co(ll), CI,
Cr(lll), PO, Zn(ll), Cr(VI), Mo(Vl),
Ni(l1)

CN-, Cr(VI), CI, Co(ll), Cu(ll), Fe(lll),
Zn(lN)

CN-, Cr(VI), F

Co(ll), CN-, Ag(l), Cr(V1), Fe(ll), Fe(lIl),
Ni(l1)

Mn(ll), Cu(ll), Co(ll), Fe(l1), Ag(l), Pb(l1),
Zn(l1), V(V), Cr(VI1), Ni(11), Cd(11), Cr(111)
1B 2 F7 ; Co(11), Fe(Il), Fe(111), Mn(ll),
Ni(11), Al(111), Cr(VI), CN-, Cu(ll), Ag(l),
Cr(1n)

Sz, Zn(l1), Co(ll), Cr(VI), Pb(ll), Ag(l),
Ni(Il), NOz, CI-, Fe(ll)

Bi(llI), Ba(ll)
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Bl ZVERE R A A ST B LA JE AT 3 2 e B R O S T N CdhH /o7 T ANEIRFEL
TWA[8]. ZZCERIFEV T 7 7 N—{EIZIV T SNA[10]. LU nb—IEV 7T o7
=BTV O RAKISITEHEND TIETHS. Ve OL R RHER I THD T ED
BEF DT ZO FIERHODNTZAR THLN, YIROZERROLR DY EME L725. 20
TETITETORIENK 10 5T T L, KEHEITRDEREEIENE (10 ug/L LU F) 26—tk
FEHE (100 pg/l LA F) Lol As, As(l)a A AR THRIETESD. LaL, VU gLIsMTE
Co(l1), Mo(V1), Ni(ll), Cu(lNFEL TWIGEB MO DT Z T EL As IR A KFH 3
%. ¥z, A RESCHRCAIN S BICHTFLIS AT, As IBEZB/NHET5280385.

BAEF WO COD I ST RIS 2 SIS, 20 TAM RN TSSO E, B

EEEE T2 IETHA[T]. BRI SFETEERICDRTE— B R Edind, 1
X a_X—FEORMRERZH ORI IE 5720, BB EME TH D, Viable but non
culturable (VBNC) {RBEIZ S DM E 1T HH TERNWE VST R NS D, ZHUSK LAy
TR ST IEITRE BB AR THER - T — 7 o Mg B T& 5, BT 7 i
LETHE—7 Y bRV TEDIFE BEKE ThD, VBNC IREEICH LM iR T& 578
DOFRZEFFON, FEND DNA T2 7 0 ARNETH D, @ffi7e) 7 /1442 PCR 35,
K OEATZ: PCR REEAHET2MENDD, R LR Z X R TERWRE DR FE13H5. BAIK

CCHE R T2 EIXAMSI L, Yt N EIRG AN DD, T D BOY T LUy
Hre&E T 7V OREEEA R TERNENSTZ DR DS,

B AL LIRS L L I HURIURE DR 5. BIAITANIZE THRELT Lp 126
PURPRIEDR S D, PURPURIED — D ThHA L/ 7a~MNEZFBE L Lp migHt 1 &Y
(Legionella pneumophila (Serogroupl); Lp(SG1)) fiii & #k tH= v RS RALS L T, ZD LT
YT WNGRBRER T L, P 7 VREMEBRZRIC LB E LB P OHT Lp(SGL)REFLIARS
A AUNPs ZfESt, BUBHPIC Lp(SGL)AMA(E T AU SEE SR A TER L TRENT 5. IRIZHR
PR AR E L THL Lp(SGL)FLIARAT 4y TRt SN TR T 1L CHITET AV ) Z HBLSE
%. EHITFEST-HT Lp(SCLHLARE & AuNPs DEEEIL C, HL~ 7 A IgG LR B A /7 ICHiifE S
IWTHREATA (arha— L TA0) B HBLSE S, LT 7 LI Lp(SGL)AMFEIEL 72T AU,
PIETAL TIHANE(LET, avba— LT TERELT S, LosL, ZOHEE, LD 2%
JELTZEE O XO72, ANT Lp DNEREICHIELIDG G ITIE S ThHDDY, BWRIFS DKM
HIEEDOKIRE DB E X — 7R LT A, AL/ 70~ NEDKHBESRE (50 cfu/200 mL) &
Wl CHLIENZND, TEBRKERMESE LN EN DL, ZORHRMES T 7 /L 8I3H 20
L L2 ETHHILE, BHERIEDERE CHLE VST RSN FET NS, 2, A5 /7va~<NE
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HAR13.30-40 73 THi ey, ZOURMEHEREARTE CERMT 5L, TR 3R L7257,
gPCR {E72 8 LIRS D RN MBI /05,

Lp LIS OMIEZAZH) L LT 5 D HTE TH I E TSR LI e B -0 e 0 e i B
L7=f8 5 WTED IR SN TG, 6, 11]. ZOHEA, TITHIE R DXL 77 Gl OHiiE
B I NE O ARy PR E LTI E WA, Bl IE, V=AFZ T ayT 027X ELISA
TIL, FEEL L IR T DRSS BARIE T DA R Y 0 —7 2 RITE AL, ik
ZHWD[12]. FrEHURICKE T 27 m—T W OFUEDIES T 74 =T 1 —I2&0, a7
DEERIOFE FLEMRHAATERRIZ /2D, LosL, FUKBEENRZ L RIETHLT0, 58T R THUREFE
BENRE DT, AT bE S EOHURE WD), HLUIZ T &5 T BER T k7 n
— 7 HERNTHMERDD. IR a—7 FICHOWODMHERIEIE, EICHEEY e~ 4%
T —F (HRP) AWM RN Y 7 =T — B DOIE R E OB AT H Al AT 5230,

1.3 EEfe% F\ =l 5 KB ik

RO IO E A RO B DO 5 HTiEI I ORI REBFEDN DD, £ TRIFZETIE
A7 a—7 LU TRV S T iEEBRE T 52LE L7 DNA 137 7= (A), /7=
(G), ¥ hr(C), FI (T, RNAIZD TV (U)) D 4 FEIAD A BUIRIT D723 T ARy
ThDH. AIXTE, GIECERRIITHAT2IEMD, DNA 7 u—7 3RO I IR b
TWD. ZOFELEF L7290 7 15I2R) A7 — B8 gE 5O (polymerase chain reaction, PCR),
P, =, RyhTay AT VE A E—ray, dgotinsitunA7IUX 4B — a3 (FISH),
DNA ~A7a7 L A72End5.

NATVEAR =2 ar OHRIRGT, BIEIIZ—7 v bR RS GTHAME 2395, DNAT
Ta~—LiX, MEMICE I, 2SI, =0V — KR E DR T, SR,
Ny F IR &2 RBAR EAR ] OKFBEREE, WM AEN, BUKMEMRAER) 2 I E SR &
TH—ARKEDOT A FIVREREDZETHD[13]. 7T H~ =LV ITITT B0 A | 28 %
9% aptus &, XU viEOBREE -mer” Z il AG O -bDICH KT 5[14, 15]. DNA 774~
—Z pH IR DY, 22 B TSNS A A L7 7 —NRIET HE572 544 Th
i ATRE TH D[16]. SHIZ, DNA 774 ~— 3L D ik 70 THHDO T, BEERCIEIC
SIRRLT oy TR E 1T CO L LT VA AR EM BAE I CE, HHED n-n AHAAEHIZ L > Tl 53 1
EHHAERTDZEY, KRE/BAICLS TG T252EHTED[16, 17]. DNA 77X~ —I%, T4
~—HE DL FRKFEREE NSRS NS EA O @SS (A7 A, V—"7, G FOMNESE A,
Ta—R vk, ST, ATEE)IRRESEFESLTEY, VBRI TOS 73852 ATRE L 2o
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TWB[15]. BIZIE, TH T VAERR T 7o~ —I1X, TA TV LIIATF N IED BREEN RIS
N7 A F0% 10,000 [EDOFEGREN 2R UIZEWVOMIENHH[18]. ZOE W FEIREEND, FLIRIC
RODWEEL THER SN TEY, I EIIXTT 57 77~ — O ER K 1, 107 M~
100 M OB DR S TOB[19] (FLIR DB i 72 il it V- £ %4 : 1020 M~1013 M[20]) .
INHDOT T Ew—I%, ERSBFICBNT, IR, Ry 7 TIUAN)—U 27 A, BRIk
ELLUTRIHENAIE), 7722 =1 IS TunA[15].

1.3.1 DNA 774~ —_—2ZD A A& P — Dk H 5 B

DNA 774~ —_—=2D A A P — TR D IO FECELINTD. (1) dok sk -
W3R -IRALIR LT IV EDBPEE B R Ay TF T oA, QBRI T r—7, (3) 7L
R~ —A—FRLOEREOZE L, (4)FERWE ORI RS A D E( %, B!, FET,
WERG AL —F U AHIEREEANTT VR LTI, ThD. 77 4~—% izt

IR OFFER DD, (1) e —ar EMEEND T T X~ —2—F o idE /358, &
WREE ALY, RERT T FANFAET D, () EHIE LFEGWE DB S RO 2L LR
FEIE, PURIOBIEDMICE W B E AR HND. ZNHIZKY, B —DFAESCH A M
EbAIREL 72D,

F72, DNA 774~ —3A VT XV A F ROWEEFD, GG AN = AL %R o T
9, B LIS A rT R L 725,

(1) Z—77 N R R (TISS) : TISS (X induced fit binding A7 =X LIS\ TS, 22

TiL, BIDFEE T DBROMEIE R AFIAL T 7 Tz BT 5.

(2) 2 —7 NBEREE(TID) : 77 4~ —3AVIXIVLAF R ThH2D, i/ X714
FREGRFTTDIENTE, A EPFELIRVIRRETT T2~ — AT IVE AT 5. 1R
B OFFAE T UL, ARSI T 7 4~ — DL, FEE I EE Rz Hhb.

(3) TIR (Target-induced reassembling of aptamer fragments) : FZ %) & 23 FAE L7V RBETIE, 7
TE—IIHEERLRN 2 SOW RT3 HNS. R EDOFE T T, 772 ~—Wr
HITHEAL, EHELD 353 THEAKRERKTS.

DNA 772 ~—# @5 niriE~EHT 256, KIEOSLE1E DNA 774~ —Li35los 7
TR EEE VB ENZ . RFEWRBDOELT, 4F 7K (AuNPs), &7-Rvh(QD) 23
ZFH5. 100 nm LT D AuNPs (3, #1ER), B0, JU50, MERRERE, Aty
PN LT = — 7 IR R R o TD . JRFTRYZR K 1 77T X E 2L (LSPR) X058 /) 7220t 1L
L2 E ORER DY, SOITHIRENRIRNIEND, BERETEEERMR OIS DT Ty T 4 — 4

7
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ELCRIFSAUTOBL4]. AUNPs ~0 DNA DEE(LIL, AuNPs ZALERIC AR, T4 —/1
{EL72 DNA L DU R 2412 5> T AuNPs 2 DNA TEffi§ 5L 2 BEfED 7 m AR H &
NTW%. Z0JEIE DNA 774~ —ICbIiE IS TOS. SHICRAT T, IS T Toe
DL —F =TT —a12d->Th AUNPs BNAER TEHILE, F72, L—F—T 7L —varilk
% AUNPs LK DB, T2 AT 57T AUNPS (27 7 2~ — % Ei T DT LAVRENT-[14]. Rt
f72 LSPR 2338<, AIHLAEIR COMMAREA SN2 LD, AuNPs [ZFHT LG HTITEL T,

FIo, 77 F~—fEH AuNPs 1, TOmWVERESPEDSER HRICH IRKEHS T 5[21].

1.3.2 ZHNETIZBAFEIIZ DNA 77 HZ~<—_X—ZAD/ AP —
1321 &g

BRAFATONTL, ZHET, As()ZIFZCHELTHRITA(CA(I)) [22], 7&ER (Hg(I1)) [23,
24], #1 (Pb(11)) [23, 251\ KON DEBAA D DNA 774~ —nAT)—=2 7 STz,
2012 LA, SR T 72~ —"ThD Ars-3 Wi 5 ik, kO —0BAR 3 $Z<
WSV, Wu B Ars-3 2 —AE LTz 4 IO S As(I) /3 Hrisz Bl %€ L72[26-29]. Wu &
L5 —I|Z, Hexadecyltrimethylammonium bromide (CTAB)& AuNPs Z HW\ - HiEE#AEL TR
Y, AUNPs DEEEEIZ LD DL L Z VW2 B AlE T As(I)IREEA I E L 72[26]. £72, 20N
T, Ars-3 23 As(II) &5 AL T DNA DREIENZE(L L T2 Z L% [ ZAPEA~Z ML (CD A7)
ICE > THERRLTZ[26]. 5 D Tix, Poly(diallyldimethylammonium) (PDDA) % iV % k%
WAELIZ[27]. ZOMIETIE, As(INTFAERE, Ars-3 & As(IINAMEARE L L, PDDA AN
%& AuNPs 23EEEET 5. — 7T As()FEIFTE FClE, PDDA & Ars-3 DHAEHZED -9,
AUNPs (353 BURFEZ R D. 5 = O #HETIL, crystal violet 2 Aptamer NICHNEIEE 5 TIETHD
[28]. ZDOWf, LAV —EELAZ ML EARIEL CTEY, 2 ETOHSE L0 H R E (0.2
ppb, 2N ETOHENTIZ 0.6 ppb MibIKD o72) 2R Lz, FHBIMOMETIL, Hemin Z /-
FiETHD[29]. £7°, Hemin & Ars-3 ZEASEE A KA KRS ES. Hemin 1% Aptamer EfiA
LT BEEE Hemin Ofilyft: 2 BLE 9572, 3,5,3'5'-tetra-methylbenzidine (TMB) 23 h F 4>
TN DOEFEOAERMN LS. — 57T, As(ITFAE T TIE Ars-3 & As(I11)23%5A L, Hemin & Ars-
3 VIR D72, Hemin OAMBETEMENETE T2, ZORE, TMB 2135 Diimine £V )4
R D . ZOWEOWINART MV ERIE T HZET As(INEE &S DT IETHS.

Ars-3 SHNWBILTNDZEDMD As(IN)fE S 3 HTIEIZ DWW TR <%, Tang 51X AuNPs % v
7=f8 5 As() I HTiEABIFE LTZ[30]. As(IAFAE T Tl Ars-3 23 &S 2. KifiHRT ~ o HUEL
ZRELT As(lINZE & T 5. Zhan Hi% Ars-3 & AuNPs % FVC, AuNPs OEEEIZE DD

8
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b, BRBUE RS tea W= 5 1R BI S LTZ[31). 2O H1EIF ERRD Wu HO AT Rq), ek
FELT NaCl FRABIL THY, RO EATHFZELD S HIE RS b S - FIETHD.

2016 121 Song ik Au@Ag shell-core nanoparticle Z{EHLL, Z#1& 4-mercaptobenzoic acid (4-
MBA), Ars-3 % W= FiEZBZLTZ[32]. £9°, Au@Ag shell-core nanoparticle (2 4-MBA &
Ars-3 2RI 5L, Au@Ag shell—-core nanoparticle ##i (2 4-MBA, Ars-3 DJIETW 5. ZD
%, AS(NNFAEY > 7 IV ZUINT 52T Au@Ag shell-core nanoparticle 2 [ Ars-3 235§
5. T, REMEIRT~ HELEZRIEL T As(I) A2 E & T 5F1ETHSD. Ensafi Hix CdTe/ZnS
core/shell K (QDs) Z1ERL, AuNPs Z = lIlEELFARICH T A FRIEZE L
[33]. Z® QDs % As(FETFIE T Clk Ars-3 T L CREEEL, BEANE T 5203, As(IIE(E T
TIX QD N BUIRFEL 22 DD T, H a5, ZOWED EX/Em = 450/510-550 | &L C As(l1)
ZERLZ. Lin DX Gt D7 74~ —% g L LTe AV 20 AN DESREE iR, 77—
WAL D EFINL TR IEASZ MV ZRIEL, EX/Em = 405 nm / 510-750 nm D fif& 4 5 H L T
As() % E & L7-[34]. Oroval 5% MCM-41 A/7R—FAF 7K1 (TERR) o —423 B
NET 7 e VLA ER, Ars-3 TR SE T A IRE M L7l E 2 B 78 L72[35]. As(ll)
RIMZE->T Ars-3 B, m—# 3 B s, 2or—4#30 B it &47 L. An b
1 As(IN & B R R T 2o 24 (field-effect transistor; FET) B 7 724 —Z B3 LT
[36]. ERAEDT S H~v—&fE G S T2 CEMNS ZiRIKAA 27—k FET VAT AMTHAAATE L
25, VUL F GRS E AR LTz, VAT L LR E 1 — L (CPPY) W78 7 57—k MoS, 7/
A7 4T (CFMNSs)%& W=7 7 22—, DS D& /AL OHFNLEINIIC As(I)%
AL, IRATEE T O As(INZ EMECHRE L. £72, 2O FET 77 hMerHh—i, )1k DFER
B B Ry 2759 HZ L3 TE =, Zhang HiX Fe(ll)y X— 2D H 14 871 — 20 —7 (Fe-
MOF) & XV —F A Fes0,@C F /B 7 BB 5 LT v e VT S A R &G Rkl

KR OMBEE LS BAT 2 ETHEODT Ty 7+ —LE L THIFELIZ[37]. Yang HiT
Ars-3 L3RI, As(IFEE_TFF RV RO A7) —=7"% Phage display technique (Z&~>T
Fhii, As(NFEATRL LT F RIS REBRFEL, TD#H%, AuNPs (ZXEDW W EDELIZL->T
As(I1)Z 53T L72[38]. Siddiqui HIZA~—h 7+ X—23Ea) o — (Ars-3 & AuNPs & H
7o —) ZBASE LI [39]. FIRFICD & YT s As i35V 7 ViR E A B
FL72[39]. Nguyen 5l AuNPs FEHIZ Ars-3 ZEffi, EF LNAF LT =y LT 0w AR
(CTAB) DFHFEI72 5y THEAWEFRIAL, KREFF D As(IN)A A 2R DD m B 12
FERLZ[40]. Pan HiF=F VX717 —F H(Exo H) XD A —REEH YA 7 L B IS
FoT As()y B 2o 7 7Ty T 40— L% B3, M FEIE = HRER OS5 F Ay F 2 v
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T NA T — 221X 2-amino-5,6,7-trimethyl-1,8-naphthyridine % fV 72[41]. Liang ©i%
As(ll) & Ru(bpy)s®* % VT Au-g-CsNs /3 —hd ECL RIEEMBEMIHE L, RS
Ru(bpy)s?*® ECL 15 5% i@ CHASHHZET, BIRED As()Z /328 L4 Ak
Uo7 @SR IC(ECL) A v — 2 — % %8 L7=[42]. Baghbaderani HiE o -F7 444
B EEEERORE T Ty T7 4 — LU THRIAL, SBIC—R T/ Fa—TE Ly
15 S AR EZ AV T, As(I)Z @8 (2 H 272D D BRI O A 2 T A AN — T T S~ —
R—2D¥ Y —EBIFELTZ[42]. Yuan HIZALH TR TF LTI D B CHLR B2y 12 5l
L, As()ZKBIRE) -~ A 72T AORENZIRIN, ZD%, Ars-3-AuNPs A EZIRNL,
NAZ Y — DA AR B A EE S As(I) T EE 7 7 225 —% B3 L2 [43].
Banerjee HIXHI FKRBD As(HINDEREE N7 m—T7 LU COMREZ I FED, 2 SOREREZFF
OF ARV MBS LIZ[44]. TP F A AL A h—/L (DTT) & =il 72 F 4 — ki
&Y, Fes04-Au F /a2 7RV (DTT-FesOs@AU) ZERIL, AKERHE D As(I)% FE 5 IR R
R TR T DN TET[44]. ZOF /2 RmY vt As(N)EDOBIFIMERE =8, As(IND
TAE FCRHEL, WORERS KIBIIK T L, $4 a0 ek, BhRYeHGELEE, B BMEEIc
As(l1)& DTT-Fes0s@AU T/ RV he D OFEMZR AR BAE N, FEVER OV A XL A
Y AETRWZEINCBIL CTHSNT/2D, ICP-MS OHIEIZLY DTT-FesOa@AU I LD KIEHSD
As(INDBREZFDK T0% THHZ L RS TZ[44].

1.3.2.2 WEM

WA (T AN AZETe) ICBAL T, AL LR [45]), BEREE[45], #a7 RV ERE[46, 47], Y1t
FTH[48], VATUTH[49], v u 2 —[50], KEGHE[5L], ~V A/ ayA/VA[52], A2 7L
TUPTA NI ZAFERIE LT DNA 774~ — 38 Z <R INTZ. LU BAMZE CIERY
ELTEL A R THIFERE AR DNA 774~ —1%, ABFZeZ B L7 2019 4ERE R Cl3diEsn
Wieholz, TNHDOAZ)—=2 7 E72 DNA 774~ —% W CHIE R HH 23 fTREZ N A A&
P— DT Z I, B TEREICHEL GHE§ 2 T—HBL TESI]E TRV, £,
FHE LKA T5H DNA 772~ —DAIY—=227121% Cell-SELEX 7£% V573, Cell-SELEX
EIZIEE 2 BIZTERARLBmMMRREDRDY, 85 airiEz2I Lo L Lo (At —£ Tk
HRTREE DL L O EERE I fE B BT 7 2~ —, 37205 Ke AMKL, D> DBl RO 3 B E
L kot MRV (DNA 772~ —-EHIE A RO YR A BV T ETICHE I TV, £
D=, BRI DNA T 7 2~ —% FIWTC il i T S A4 —~ D ], kT DNA 7
TR =R ADNAAT =D o R OSARAEDT=DIT1E. B4 IS5 DNA 77
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S~ —OFEEOEEINEEHIZ, 56K D Cell-SELEX £ TIHBIF TE7eWn 5722 & hE’: DNA 77
H~—DRREFEL, A — ] - EAMEZ ATREIC T 200 0D, EFRIZ DNA 7
T — RO FATHIIETIL, br e R N R H#S5iE K] - (Vascular endothelial growth
factor; VEGF D LO72HFE DX L 7 E 0 AT RUEKE E WV o TR E ORI I3 L T B L7z
SELEX =2 Cell-SELEX & HIL T DNA 774~ —% A7) —=2 7 LIZHEN T THY, %
FEZ R MR L TG 35 DNA 774~ —Z8 i Ui 133 F 12720,
EBIZ, DNA 774 ~—DiE, K ONEESNIZ DNA 774~ —% W (A4t —& B %
L7 sCTh, 7B TR E SRER O BEAERZ L CR O, FEAE- kit
FCERTE TN RNED AL [54, 55].

1.4 AKWHFED HRY

FIRDOINTHAED LI AR AT 0 —T L LT K O EE R AT BT IRICITE - TED
T, K OIE M 12 > L7 v — 7 OB BB O R 1 ThD. 2 TR TILG#E
THFRIZEL RSO T 7B AZW[REICT D70, BRAA L CHIE 2R & LT 5 ik o
BAFEFEALAE B L CHEMLZ. AT, BREFREHOBRERSBOFTTH As(li)E As(V)
T =y N LT RTRIE 5 o T DBRFE L, BAFE LTl 5 ootz Tk As(l), As(V)D
IIMTEBL T, ERE~ORMEERLZ. £/, M@EICB O TL, L4 32Tl (Legionella
pneumophila (Serogroup 1); Lp(SG1)) &% —7 v he L=l 5 miTiE O = B EL, ZDH—
B e LT Lp(SGL)fE &% DNA 7 7 7~ —DiEHh ik 7=

5 As(INATIEOBIFRIZE O T, As(IDFEASTL DNA 77 2~—I[Ars-3) L4 ki 1
(AUNPS) & N 18 5 o AT B O 3 Ml FE I 50 B84 5. 2 Dk 2 72"\ T A—2 —Z it Uiz, £7-,
BAFELIZARFIETHUR KO As(N)IREZRIEL, RFIEOH T K~ H ATtk Z2 i A L7z

%12 2019 FEOWE T/RENTZ, Ars-3 & As(HINDFEAPEIZHOWT, ABFZETHRERLT-.

B As(V) o HTiEDBIFIZB W TIL, As(V) & R R agIcW s T oMbty 20 2k 1
(CeO2NPs) it Yt faFE & fifi DNA (FAM-labeled DNA) Z W= i 5 ATk A BAFE L, I F/KH O
AsV)EZRELTz. IRWT, ERLofisy As(aHTE, s As(V)airikailiaGhw T, o
7LD As(HE As(VIIZOWNT, SBES TS ATREDNE H7 3l L 7=

Lp(SGL)#E A DNA 77 4~ —D#k T, 16RO Lp(SGL)fE &% DNA 774 ~—[% 2020
AERICHID T Cell-SELEX ¥ TR SNIZ[56]23, fEHKD Cell-SELEX & Ti#Hki&SHL7z DNA 7
TH~—J0bEMERER DNA 772~ — &Rk D 5 1EH R - B ST [45)720, T8 5 50 HT
ENEATEDIOREm WG REZ R o7 DNA 77 2~ —Z Bl LTz,
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15 AFmSLOHERL

1T, MRS R, B, SRETORITHRIC OV TEEDT-.

92 BT, As(l)EZ—7 o b LTl 5 As(INAHTIED BRI 21T 7. 5 As(I)FHE
%, As(lIDfE S8 DNA 77 % ~—TArs-3) L4 /K01 (AUNPs) Z VWV TEZ B LT, AT
EOBFICHTZ0, K RE ST A—Z—ORata FE L7t I H R SUE (LOD) 25 L7=& 2
A, 2.1 UM @ LOD M gbiic. ZDtk, RFIETHI I KT O As(I)REZER&LI-LZA, @i
FED As(V)Rkk % 7082 J@ 1 T A 2 G o8k, KO R KR D As(HH)J 28R E 5
HZEINTET. F72, 2019 HZ Zong BRI LT, Ars-3 2% As(HINEFEE L TESHT, AuNPs &
2 As(H) 2335 3528 T AuNPs DA EALT 50D JUTR L T[55], ABFFE ChRRGELT-.
ZOFER, Zong BAERLT=LOIT Ars-3 78 As(HINERFBAJICHE A L CUOVRNWIEIVRENT-. £
7z, Ars-3 LIS DI ERLAZFFD ssDNA Z Vv Th As(I)ZHIE TE. 20728, RFETH%S
L7=fii%h As()aHrikiix Ars-3 LSO IELSCH H FRE ThDH LRI, fERLL TR
B OB L= 5 As() o HTiEIE, Frx DS THEL COERUR ST 2D UG ET T As(N)E E
HCEXHIEN RSN,

% 3 WL, As(V) & —7 v heLicfiis As(V) oTiEzER%s, KON RK~DEMA{bE KR
FLTZ. f#i5 As(V)IR HITETIE As(V) & R R AT S SE DR LB Y 2F 2R (CeO2NPs) &7
AT AER— R84 DNA (FAM-labeled DNA) % W= FIEA BRI LTz, 5 2 BL[AERIC,
FWRNE T A—Z — DRt FhiL7-1%12 LOD Z5 HL7=:25, 0.44 uM @ LOD 23547,
ZD, HFKFD As(V)EARTETHELIZEZA, WONDH 7 i, KFETHELE
As(V)JEE L ICP-MS THITE L7 EMTIF R U THDHIEDRSNIZN, 1ZEALE DFREID As(V)
PR IATFE TR/ S, ZOJR R ATLBERUE P IS AEE T B4 (Na(l) 12 L5
D, LIERZEIZIDLDEEE 2 bIA. $T-, 5 2 ECHIELIZM S As() I HriEs ias
OET, I FKHFD As AL FFREICHE LIRSS, o7 o As(l)E As(V)EZEIVE &
T&-.

% 4 B TIL, DNA 774~ —% WL U4 2 Z#IE (Lp(SGL)) O i 5 /i DB s H 7=
D, Lp(SGL)#E ST DNA 77 4~ —%BAF Li=. HERkDH1ETIE, DNA 77 %~—(% SELEX %
EIEIEND FIETEIESND A, ABFFETIEL SELEX ¥EL0E i /Bl i e ] i Hk wTHEZR
Pectl B4Lk1EIZE->T Lp(SGL)#EAT DNA 77 #~—%18ik Liz. 2D Pectl &k THEE T
72 DNA 77 %~ —DEHNZ, FEATHIZEICET D, TEkD Cell-SELEX TiEtkSiiz DNA 774
~— &L TR Ky, Kot 2875 THY, FlimmfY, SOSHERRAYIC Lp(SGL)& @ Vit & REA 7
o772 DNA 772~ —% B T&E. (€-> T, AT CTEH IS4 DNA 772 ~—J0%
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Lp(SGL)ERFRMNTHEARL, BELI-EAREIRR T 5T 74~ —ThiHEEZ DI, Fx ) BEIE
LL QWAL F P —DRFIZHE LT DNA 774~ — %8k CEI-ZENRENT-.
%5 ETI, MimThY, 5 2 BEDE 4 BETELNT-HAIZOWTEED, #EE S K NS

DRE|ZDOWNTIB T,
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B/ 2E DNATFFZ~v—L&T T2 AW AR () ariEORFR

2.1

BOBIK DR SE (AS) TH YL, AR AN LS THRANZ2E B L7 > T % (Flora, 2015). As H1#ED
FERITIL, TEBRBR RO MR ERIER, B2&, Il IR, RO AZ2E N HDH[1-4]. As DML
2D, TSR AERERS (WHO) LK [EBRBEIRFE)T (USEPA) 1T, BEHKICE 5% As SETE(E
Z 10 pg/L SARSEREL TWD[5, 6]. As DIFGLIREL TIE B RBL A B35, As ITEX
B D FERMAGTRO — D> THLOM K ZTHYT DI ThDI2), HUF KD As 13T HER
BRI L 2> TWBIT]. BT, Su P TF 4o T, AR F AL 7 L0
IBHD 40%IZFNT As JEEEN 100 pg/l ZABZ TUN=[8]. £ D=, Hi F /KD As B %%% 100
pg/L DL~ THIET D2 ENR AT K Ths.

As 1E, FIZJRFWHTIE (AAS), ROk, FF8RE G~ 7 X~ 8 & 5rhrik (ICP-
MS) IZE S TRIESILD. ZIHDETIE, BTG LR EZFF>TOB[9]. LinL, ZH0H,
i, K Calize RO E S, BIEDT- O OB M#ALELL, BRI EL, H
B CONHITILEL TV VRV[10, 11]. E5IZ, As fll (BfRHE (As (V) A1 As LA #) O T
FOLEETHLZENENTODHEEE (As (1)) ZRIRANHE DI ENTE/R[12, 13].
Z01=, As()ESHF T D120 D2 T TR ARD A A MEHFASL B E S COB[L].

As ZHET DO DO NAA b —I%, B, FRRME, M, Ko Xb, s R R,
NI E, HEHMEZRE ORISR HY, WO HEFINHE SN TOB[1L]. (kY —LD
BN, BEESPHUAR, DNA DA F L7 42— HWEETHY, b —I0biERya s
RENZFEBITTRE T, DHTRTNC K ERRTLEE D T2 DTN TES[14]. Bin -z
HRACA VI XI LA TR, 237 H1%, As RSB — 0@ EHFLL TS T
WA[11]. ZDHTh, Ars-3[15]EMHEND As(HINIZHERAYZ: DNA 774~ —1Z%, As(IlI)Z%d
DB R A2 FF O 2D, ZLORFEDEHZED TS, Kaur B, Ars-3 125
FNDT T =TT =N, XIVAF R ORISR S L B SRR EICE D7
BN Z LT, Ars-3 D As(I)~DORFRAFEGIZ T 5L C0DZEZRIBL TWA[1L]. ZIVET
12, Ars-3 Rz As()D Hea A3t —LERALER A A2 =R S T0D
[10, 16-18]. LA L, ZHHOMFFEITNT bl F K 7L ZREL TRV, £z, As DTk
X e W THE T KD As & T L7261 Cl, Mo AA LD T Lo ThRaNE - 141
PEDORERDPECDZENHRESILTND[L9, 20]. D72, Ars-3 ZH WA A —5 T
KIZHEHL, ZOw AR T D01 H 5.
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AWFGETIE, HITKRF O As(HNREARIE T 572012, Ars-3 &4 7K1 (AuNPs) Z fV 7=
85 5 M52 BT LT-. Scheme 2-1 ICAKTFIED VLY L T AN =R L ZRm UTZ. As(IDISTEAELZR
WE, Ars-3 (X DNA GO A/ERIZE ST AuNPs ORI ICRAESIN TS, AEMNE
H O2 Ars-3 7 7 4~ — T ITZ AUNPs X, miRE D NaCl THIEl T oL IcEE TH L.
43 ERUT= AUNPs [ 3ROV EZ L TEIY, ZORED AuNPs OWRIL AL LT 520 nm A13TIcE —27
RO, — 07, As(I)DIFE(E F T, Ars-3 (37 74~ —-As(INVE A KRR T 5. IR
X7z AuNPs 13 Ars-3 TEDIL TV, NaCl IE D5 EZ 1T 52 81272%. 20 AuNPs
DEFEIZED, AUNPs OERIRINOFIZEAL TS, o7 A HPIARIRED As(HINAE LTz
B8, Ars-31 28 7= AUNPs & AuNPs LRl 5 /3 TFEL T H 72, NaCl 2RI 5& Ars-
3 \ZF DTz AUNPS [0 HUIRRED EETHY, HAKD AuNPs DL 0T 5. ZORFD AuNPs
DWULANSZEVITL, AUNPS 2353 BRI D BF DRI A~ RV L LR LT, 520 nm A E OO EE
DML, 600 nm FHEDOWRNED KT 5. o7V RICERED As(IN3E £ TWzE,
2T Ars-3 28 As(IINEE SR ZTZRLL, AuNPs [ZEATIEAET D, ZOAIKIZ NaCl 234
LI D AuNPs 23 TlEE 5. ZOHED AuUNPs DWZIL A7 MR EE As(I1) & A i
LR C, 520 nm HEOWYEEE R LV L, 600 nm fFEOWSEEEAIDEE K, H>2 600 nm 1}
ZRUL AN MV DY — 7% 5D, LTZ3oC, REF DI T W O b (W ) %
HEFTHZET, As(N)iREDE B2 3HT DN Al aEE 70D . Fox 1THIE SR A i b3 5729012,
T 8T A—2 — (Fefé NaCl J25, NaCl LA a—a W, EEIRO pH) ZiiaL7-.
B SN C, FEEEOH T ARV 7D As(IN)EEEZHELT-.

728, Tx OMFRETIE, TRNETITRENICFETD, ENCAEERERBLIENEL-HS
IINTEZEBIFRL Q0D ZETICH 2 OIFFEE T As DSMIH IRIT A (C), KR (Hg) 212
B LT 5 hTiEZ B LTz, LsLedsh, Cd, Hg Z1RAE L7l 5 ik EBICBLE ©
92 Z LA ARE LT BRI B0 i H IR FUE 2 50T, Rk oD Cd, Hg 2 E #3528M8
R #ECchHo7z.
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Sample o NaCl
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Aptamer (Ars-3) ® As(lll) . Gold nanoparticles

Scheme 2-1 As(I1)fE &7 DNA 77 %~ — (Ars-3) L4 T R 1% JAV KR T oo As(I) Ha
BHIEORIX, K OEIREEICBT D48 T /R HVR 3 R R A LA~ L
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2.2 FEBRIIE
221 AFFECH L 7-3R3E

ARFFENZ T F L 7= ssDNA (Ars-3, c-Ars-3, DNA-1, DNA-2) | %, Eurofins Genomics £R =41t
DDA LT (% DNA B4 Table 2-1 1Z7297) . 3-(N-morpholino) propanesulfonic acid (MOPS)
1, AL AR ZE TR NS A2 D AT L7z, 45 ssDNA (X, pH7.3 @ 10-mM MOPS FEER 1A
fRUT=. VRN 77— ZER R LT= AuNPs (10 nm) (¥ 12 % = 752584) 1%, Sigma-Aldrich
Japan 7B AFL7z. As(lll) (NaAsOz, H#m7 %5 35000, Fluka) 3L NaCl 13, & L7114
TR NS DD AT LT, T TOWRIL, Milli-Q 7k (AL7IUART) THHEL 72, As(l)
FRAEEHRIE, NaAsO2 z Milli-Q /K TATIRL CIlEEL , 6 RFF LA LTz,

Table 2-1 A7 CHE L7 DNA SIS
DNA £ #Fr Yo LR A1)
5 -GGTAATACGACTCACTATAGGGAGATACCAGCTTATTCAATTTTACA

Ars-3 GAACAACCAACGTCGCTCCGGGTACTTCTTCATCGAGATAGTAAGTGC
AATCT-3
5 -AGATTGCACTTACTATCTCGATGAAGAAGTACCCGGAGCGACGTTG

c-Ars-3 GTTGTTCTGTAAAATTGAATAAGCTGGTATCTCCCTATAGTGAGTCGTAT
TACC-3
5-GGTTACCTTGAAGCAACCNNNNNNNNNNNNNNNNNNNNNNNNNN

PNAL NNNNNNNNNNNNNNCTCGATTCTCCTAGACAC-3

ONAL2 5-AAGCCTGTATACGCGAATCGNNNNNNNNNNNNNNNNNNNNNNNN

NTTACGGTCACGGTCAAGTTC-3

2.2.2 Ars-3 &7 As(IIN D E &

~A70F 2—T7 I AFTZ 10-mM MOPS #EER 33ul 12, Ars-3 75K (200 nM) % 5 uL Az
T —T7EiREME LTz, 20 ub DY 7R ET a—7IREGREG L. ZORGREZ =T 15
A2 —RUT2%, AUNPs ¥R 40ul Z¥RINL, =R T 40 oA FoX—RL7o. &k
12, 3 M @ NaCl ¥&i% 2 uL 2L, 10 s3flAFa~X—hKL7z. 2D, 100 ub OIRAIRDOW
INART IVERIE LT, IBEEH T O Ars-3 DI f&lREE1E 10 nM LTz, FRIFEHDZRIRY,
ZOWESMETIMELT.

FRERIAIE o> NaCl 2, NaCl Nk DA L 2 — g B, MOPS FEE KD pH AR
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(ZRAF TR BAT T2, NaCl JREAFii b3 57201, MBRIER O NaCl #RE%Z 0~120
mM [ZZ B L7z, NaCl ORI Z foi b 95728, As(11)23 0 uM & 100 uM o 2 FEFE O ER
% NaCl ishNt% 30 73 fiA > Fa2~X—hL, 5 53 T LT ART MVZE L. MOPS 27 ik -
RO pH ZEi 3572012, $7e% pH THZRD A1) E ORISR O ATV
ZHEL, As()DOf &R A ER LT,

Bk ARTA—F TR LT, B 7e AN IS DA ED M B 1ERR LT, 10
BT Zo 737 (Milli-Q K) &, 4 D As(INEFEIZIITD 3 2D As(INEREREY
JLDOW I FE AT WV ERIE L. 520 nm & 600 nm DU EEE — 27 D E (W EEEER) 2 As(IH)
FEIZRL T Ry LTz, 2Oy My A7 ¢y 7 Ria Y Td TREMR A2, £z, 10 uM B
T AT, ERREEZ O TREREZRTZ. ZORRICESE, HIHIRA (LOD) i1
% 3o/s DRAZHWTHEELTZ. 22T o iX 10 BOT T2 730 7V ORERER 2, s IZERREFZ
DEHETHD.

KRFEOHREREAERNE, RFEOBIRMEZRF L. ERROMESRMT, 7707071
L, 4% 6 UM @ NaAsOz, H3AsO4, HgCly, CuCl,-2H,0, MgCl,-6H,0, CaCly, NiCl,-6H.0,
MnCl-4H,0, FeCl-4H,0, ZnCl,, (CHCOO),Ph-3H,0, NaCl, AgNOs ZZh - 6 uM #sIL7=
TR OWINAST MV ZREL A600/AS20 ZthiigL7-. Fiz, REEY 7 VZRIE T HITHIZY,
As DSEEN TRV R /K CIRHRE R FCTEOK) 2 L, # N KICE D B2 R L.

2016 4= 11 H (Groundwater-1) & 2016 4= 12 A (Groundwater-2) (2 2> /XA THIL T /K &R HL
L7z, o7 izl As MG N CQeioialzd, BeDIRIED As(l)zE A A7 LTz, BEHT,
FLEE 0.2 pym DO (TR Ty 7RG #) THMULT%, A A4 28#2777 2 (MetaSEP I1C-ME,
GL Sciences) (219 7>, =F LT I NERER (EDTA) 2L THA A g A 74 %2 EAk
STz AL R, ARIEZ VT As(INIREZAEL, BEERIO As(I)REEIZANSA 7 LTk
PEBR LT, AT A BB RT% O T AR T O & R AA IR E R Table 2-2 (TR, B
AF L AZHALFRIZI1F D As(HND[EIILR L 94% Th 7=
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Table 2-2 Hi F/KYU 7 VR O& JBAA YL (uM) . "Raw "1 ZF5A 7 22 HAALERRTT, "Eluent "I
B AA L ASHALER S DY T NN E TN IR T . B RAA PRI ICP-MS THIELT-.

Groundwater-1 Groundwater-2
AF

Raw Eluent Raw Eluent
Na 1,562 4,741 1,087 1,579
Mg 572 0.66 601 0
Al 134 1.78 5.23 0
K 188 4.94 143 0
Ca 272 0.27 103 1.38
Fe 5.35 1.02 7.93 0
Ni 1.35 0.002 0 0
Cu 0 0.06 0.16 0.008

2.2.3 ARFBRTHMLIHIELLE

WL AT IV, 43 6 EERE V-630 (A Ay kRN ) &2 W CRIE L 72, ZETASIZER
NANO ZS90(Malvern Panalytical Ltd) % FH\NC, EhEEGELE (DLS) 128D, Bk 2l E ST
® AUNP DRIEEEZ DRI T D3z E LTz, £z, @J8A4 I EEIE ICP-MS 8800 ICP-
QQ (Agilent) THIELT=.
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2.3 MiREEL
2.3.1 AUNPs DRIFIIAT ELILA T WV O FRITIZ L D8 A =K LD fiF i

As(N) DR AT = X L ZEGR T D10 D —AT 7L LT, Ars-3 X NaCl OF 7S AuNPs
DRI AN I T B2 G-, DLS THRIZEL72 10 mM MOPS #% ik 10> AuNPs ORI
G340 (it - A 250 % Figure 2-1 2R3, [RIEEORIEE 5340 (it - BELYEsRBE) 2 Figure2-2 (2
7R3, Figure 2-1 & Figure 2-2 D& IK L — 27 DRI A2 E B L TWDHIEDTHY, Figure 2-1
TR FRRZE B L QWU R THY, Figure 2-2 [XERD KX\ KL HITERO /NS VR F-201
L OREHESED, LAV —HGEL ChL T O ELSREE 1 TR 7 EARD 6 FIZHFIT2) 2 Z 8L
fERTHD. AP 10 nm D AuNPs D AR—27 2% (Dp) 1 10.1 nm Téd->7-. AuNPs & Ars-3
EIRA SR ORI AIT 101 nm ([ZH—OE —7n bz, ZOREENS, As(l)ix
AUNPs DRIRITEE BTl o 7o ZEDVHIBA L. ZOEIKIZ NaCl 2SN 28R A o —2
1% 18.2 nm |22 7RL7=. — 5 C, AuNPs (Z Ars-3 & As(IINZIRITL7=IAIR ORI 53 4ild 8.7 nm
IZE =2 LB, ZOWHRIZ NaCl Z i35 & Dh (% 164 nm (27 hL7=. 2 Figure 2-2
D77 EEOBELDEIREZJE L2856 Th RO R A MR I, Ars-3 & As(II)D R
IMZ T AUNPs DRI AT DAL R BN >T203, Ars-3 & As(HHN 2R A L= A Z NaCl
ZUSINT DI -T AuNPs 23R LT=Z L2V HIBH L.

AUNPs [TEEE T HZETRINARY ML ECIIIR AR I~ 7 5728, AuNPs D¥E4%
AT (UV-Vis) BN A MUV R TR [ 75 R 5> AuNPs DEFEIREEIZ L~ T, AIHL
3K (500-600 nm) |2 CHRV WL A 7R 92 E23 50TV, Figure 2-3 (2 10 mM-MOSP #E ik
(pH: 7.3) T4y B L 7= AUNPs DWZIY A7 L7173, AuNPs & Ars-3 OIR BRI AuNPs 14
TR ETRIERIZ 520 nm (IZWINASRI ML O — 7 R ELILT-0, Ars-3 13 AuNPs ORIFRIZ L 72
WZEAVHIBA L=, ZOWIFIZ NaCl Zishnd5&, 520 nm OWEEE DTN LIZAS, WY
ATV DE—T D7 NI ZH7203>7-. AuNPs IRINATNZ As(lNZ & Te b TNV AR ESHE

T2V TlIE, AUNPS I8 DA MV EZEALINIED T2 T28D, A2 L~ T AuNPs DU IY
ARG NI EDHERRTET=. 2D Ars-3, As(lll), AuNPs Z & TR A ¥AHRIZ NaCl %

WIN925& 520 nm (UL 2> T2 AT ML DY —27 53 600 nm (T2 7Rz, 22k,
As(I) 3 FAET HE AUNPs 1% NaCl i Lo TREE L 7= Z &V RENTZ. ZOREFIT DLS I28-
TELNTRE RE—E L TW5. Figure 2-1, Figure 2-2, Figure 2-3 (/R L7=%E S5, Scheme 2-1
(ORUTZIIE BT IELL, 50 BORAED AUNPS OWIL AT ML DY — 7 LEREIRAED AuNPs O
W AT ML OE—7 DI (WFEEE L) 23 5 As() it FHED L7 F L ELTER FEETH D
CHIr LTz,
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251 s e (i})
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b —4 n'.l (V)
a 20- Tt
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Particle diameter [nm]
Figure 2-1DLS TH|EL7= 10 mM MOPS /X7 7—H1? AuNPs D%k /547 . (i) AuNPs, (ii) 10
NM Ars-3 &A% 2~—hL7= AuNPs, (iii) 10 nM Ars-3 & 60 mM NaCl &A% AuNPs, (iv) 10
nM Ars-3 £ 100 uM As (1) JRA% H 7 AuNPs, (v) 10 nM Ars-3, 100 uM As(111), 60 mM NacCl
LA F2~—RL72 AUNPs
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Figure 2-3 10 nM @ Ars-3, 100 mM @ As(I11), 60 mM @ NaCl {ZATEHRIZF517 % AuNP DU
ATV N ((i)-(v) 1 Figure 2-1 DL O L[ET.
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2.3.2 NaCl &I G- 2 D 508

AFEERCHE 5 NaCl #2213 Ars-3 <° AuNPs 25 L0 <, AuNPs OBEEDTEE A LS
HHTD, WINART MU KT T % NaCl 2 DB Z ML 7. Figure 2-4 1% As(lI) & & ¢
YT NEEFIRNT T VORI T35 NaCl iR E 08 % R LT\ 5. NaCl &
WINOYE, As(I)EE Lot T NG ERNT T L O E T 0.4 Th-o7=. ik NaCl
R 30 mM DL EE725d512 NaCl 29528, 100 uM As(ll) B 7 v Ol 6 ik
FILIEFELLIGINUI=, — 7, As(I) % & F2 17 L DU i3 A #& NaCl iR % 120 mM
FTEIREICTHLDT N LR TH2En RSN, NaCl 2 = 120 mM T, NaCl i2k2
AUNPs OEEETDRESIDIZHDY, AuNPs KD Ars-3 IZED 0 HHEFFSE 588 /1L0
BRUNZD, —EBOD Ars-3-AuNPs B A A EEE L T2 E 20N 5. As(INERINLTZS5 A S RINL 72
WIGA DS D 71T, NaCl &I E2S 30 mM, 60 mM, 90 mM D EXZZZ 74 0.80,
0.85, 0.77 Th-o7=. ZiUL As(ll)E & £V IG5 T, NaCl Sf&IREEA ENELE, AuNPs D%t
AL RBRIRIR O EE LE AN 5728 Th D, As(II) DA T DWW EE b D 213K (8 5)
As(N)DIEFEZ R T 7280, FRBRIAIRD NaCl A& IREA 60 mM L L7c. ZOREER, JeATAF%ET
IRENVTEEPRL 128 15 nm D AuNPs ZBEEESH 2 NaCl B (& O #EPH (50 mM-70 mM) IZ A
Z73[21], EAE 15 nm A5 AuNPs ZEEHES B 250D 2 i 72 NaCl fici&TEE D 120 mM KK
[22]. D79, i’ NaCl &R, AUNPS O AR, $REHR OFIER L O v F o —
al RERNRAE T HEB 2 HILD.
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2.3.3 NaCl iINt% O iR

Figure 2-5 1%, As(IINZRINL7285E ETRMMLRWES D, NaCl #INE: O sk BRI OWE O FE L
DR EALERLIZH DO THD. As(INZEINIUIZRABRIE OW SEE i, NaCl BINE %I k&L
AL, 10 5RITIFLE L. —H, As(l) a5 £ alBREsIK OO EE Hul, NaCliinggs b
FLIginoTlz. ZNBDFERDD, NaCl #iNig DA 22— g REflIE 10 sy LRELTZ.

1.4
124 As(I1): 100 uM
fe
©1.0-
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Figure 2-5 As(IIDFFEE F B L OIELELE FTO NaCl Wshnig o4 7 VERIR O E e DR
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2.3.4 N7 7 —IRIRD pH 1352 D5
Figure 2-6 | MOPS /X 77— pH 23 SR O E, J7ebbARE S As(I) 0 HTiED RIS

FIFT B E R LUIZb O THS. pH = 6.5 TOREMOMXIL 2.56%102 uML Th-o7=. pH 7 6.5
D5 1.3 (272D DI THENRN K ELRY, pH = 7.3 Tleb E<7e-72(8.2x102 pM?) . 52 pH %
EFTUE, BEBROMHE D/ NSLeoTz, RS As() T Ars-3-As(INEERDTERL, K
OFRAFLTZBARD Ars-3 D AuNPs K A~DWAE N FRBUEERD . KfERIZE-ST, pH OZH)
I2&o> T Ars-3 DEBERFIHEL, pH = 7.3 ORI Ars-3-As(I)E5 A b <Rk S, FEfFE LT
HRD Ars-3 3D 7alipoTz b 2 65, AWFFETRETLIZ pH OFEFHIL As(I1)D AsOs* T
{EL7Z2WN. L7233 T, e @O EE MG HILD MOPS /Xy 77 —@ pH % 7.3 LR ELT-.

1.3
pH: 7.3

1.1 - ’,‘pH:77
o ,,"' pH: 7.0
= Lo ~.-"pH: 8.0
= 0.9 Lo ~ .
o e’ i pH: 6.8
[ "’ f"
fU " ’f'
e " f"
007' ," '«'
7] .
2 ' pH: 6.5

0.51

0.3 I i I i I N 1 N 1 N 1

0.0 2.0 4.0 6.0 8.0 10.0

As(lll) Concentration [uM]

Figure 2-6 MEARIZF1TD MOPS /X7 7—pH O 2, 3Bk Elii i O WD MOPS /3y 7 77—
D pH ZBATOLE MR EFT B TREE.
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2.3.5 KRFEORKER

Figure 2-7 I3AIEIZIITD As(I DR B CTHDH. As(I) &5 F/2 O RIROW G LRI 0.40 T
oo, WEEEEIT 1 puM @ As(HINEL T TIEZEEET, 1.0~10 uM D As(IH)JREETI1%0.41~1.0
FCEMRAITHIMUZ. As(NDIREEN 10 uM Z8 258, WL IZSSIZHNL, 100 pM D

DNA 7 7 & <—Lt&F JhiTERAWVWBa e R(N)oHEOR%

As(IINTIXIZFEAEZE L LD 7= (Figure 2-8) . LOD 1% 2.1 uM LR ST,

1.0 4

Absorbance ratio
© o o o o
(] (9] | (0] (o]
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o
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[
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R?=0.99

Figure 2-7 ATFEICEI DM ERR. AR EIERR.
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y = 1+(L)1.4—4—

15.4.

+1.43, R?=0.99

34



F2E DNATFE~—L&F /hTEROWEES e RUN)DGITEDORZE

2.3.6 AFEOBRME

As(I) F OBREERIC EICE FNDEBAA L B BELTIRIRO WO b % Figure 2-9 (27”9,
As(N)ZTINU TSR OWIEEE X, 770 738 O E L 0B A EICEVWMEZ R LTz, Fi,
D 13 FIAD BJEAA L AWMU TSROV E X, 7T 7 TNV EIRIERC ThoTz. &
HORE R, AREDS AKX L TEVEIRMEL RS, S5I2 As(VIZRTL Th Ev e %
FFOZLZRL TN,

1.6

1.4 -

- -
o N
M 1 M 1 M

Absorbance ratio

c o o
A (@] (o]
1 1 1

©
N
[

0.0 Blank As(lll)As(V) Hg Cu Mg Ca Ni Mn Fe(llhFe(ll) Zn Pb Na Ag

Figure 2-9 A FIEOBRME. £BBAA L ORE =10 uM.
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2.3.7 HiFAFO As()HIE

As(l)Z & E/2 W0 F KGR EHZ ARIEIZE L2825, As(H)ZAFTEL 72> T2 iZb b s
AUNPs (TR EEELT- (Figure 2-10) . ZO®EEIT, H FAKHPICEIRE CIAETD2EB AT A
73 AUNPs ZiEEE S 772 28 2 His (Table 2-1) . £2°C, HUFKEEIZ AL 0.2 um DAV T
Lo T B LA S CRITLEEL 72, A% 4T~ Th, 1 F /KO T30 SRR 5
n7pha-o7z (Figure 2-10). —J5, AU A A L A HAAT S T3 B O AR MU, 7 'a—
TR DI AT RV EE 72> Tz (Figure 2-10) . 23U, SIS BA A4 A8#aiTo7-2 L
T, TWTE&RGAA4 D RESI, FEBMEITABMO As(I)FEIZ -T2 L5 R
LCW5. Table 2-2 12, BHAA Y ZHAERRT B O F K> T VD& JRAA L JREE R, T
KPP T AT, 2 fOBGAA > (Mg?tE Ca?*) ASER OB MFRER T L7z Mg?<> Ca?*iie i
FOHEREIZE FATEY, ZHhS AuNPs DEHEIZ DR NR ST EB 2 DILD. A4 28 it
TIKFDOGAA AR (MgP=<> Ca?/pd) Z#FRrEL, AUNPs DEEEZINZHIENTEIZN, A
Fo AL Lo T Nar SN L 7=, 2D OfE Rand, ABFZE T LB A4 T,
B BAT % Na I 26D THY, KEi 5 As(I)aHEITY 7O ERED Natls
Lo FWEZ T ienoTz.
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0.4

0 fec Lo T

0.2 =

Absorbance [Abs]

5t

00 T T T T ! I s
400 500 600 700 800
Wavelength [nm]

Figure 2-10 (i) Milli-Q, (ii) HiFK, (i) FL£& 0.2-um A 7L 74X —TAILIZHI T K, (iv)
FLEE 0.2-um AT LT 4N —TAHML CIHAA A MR I @ L7 R K o> AuNPs WY

ATV,

B AA v e~ A7 T 572D OFHLELE LT, EDTA OIRMEZMRFI L. TR 7 iz
EDTA (10 nM) i3 5&, As(lZE E220HLE T KT As(I)Z & EeH F KT AuNP D%
ERMHENT (T —2IEFRR) . LIz > T, EDTA IXZOHEDOVAF T HIL L TUIARMET
o7z, ZHUT EDTA IZL-TC AUNP OEEDME#ESNIZ 2D EE 2 BND.

Figure 2-11 (%, As(IINZERILIZH T KV 7 )V OJEFE L, A¥ETRIE LTI E L O BR %R
LCW%. 2 ORI TR T T As(N)D3E AL TN oTeD T, B 7 AIES ES R
FED As()ZIRIILTZ. 2.0 uM L ED As(11) %5 EeH T RGBT, ATETRIELZ As(IN)iR
FEIX, AL SNIRIEEZIERC TH 7223, 1.0 pM LU RO As(I)7 EE I3 AE Tlrdid Kl
SN TN, ZOZEDD, AR¥EIT 2.0 pM LLEOHE FRGREHF D As(HHE EE o> i 5 1 & ik
TELERE AT,
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%10.0— m  Groundwater-1
o 4  Groundwater-2 y=X
=
@
E 80
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)
% 6.0- £
£
Q
[h]
o
c 4.0
e
©
c
@
B 210
5 5 7
< 00-
0.0 2.0 4.0 6.0 8.0 10.0

As(lIl) concentration spiked to solutions [uM]

Figure 2-11 M F/KH > 7 MCiRINSHL As(IN)RFE LR T TERS IV As(N)EFE LD RIFR
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Zhan % Ars-3 & AuNPs A FHL C As(IH) i EE 21 E L 72 [12). Zhan H23BAFE L7=fE 55 As(111)
SIMTED LOD 1% 0.017 pM THY, AAFFEIVHAR[12]. ZOBHIZABFFE T L7- NaCl #x
IR D2, KO AL AuNPs O HTRTIZIS T 203 OO TR IE A3 5 (Zhan HITEER=E
TYERIL 72 AuNPs 24 FHL CIs0, ARFFETIEHilk L7z AuNPs 2 i L72) ZERRRTHDHEE
ZHID. LL, EREOEBRAA ATK T HEFIZ OV TOMRRITRIIL TR, WU S
I% Ars-3, AuNPs Z MWzt taiEza R L7 As()EIE I SA Ao —2BR L CERY, A
55 As(I) 3 AT L D IEO T AuNPs DEEEIZIU T NaCl OfSHICh F A MR~ —oh F4
MEFUETE MR ZfE L QDA I ETHA[18]. Song HiE Au@Ag =27 v ki EFIH L
RO ANAF 2 — BRI LT [23]. ZIHOEATHFZEIZ B\ T H IR B I AR ZE L0
V. LonL, 2B SEATAFFRIZEREE R O As(H)EEERIE 1T THI TR, JefTAFFE TRE
TR R0 Ars-3 & AuNPs & VTR D As(HID)EFE DRI E N ATRETHHI LA RLTZN, #IF
IKH 728 D RS ER FE DB A AV N E N TS 7 U L Qe ARFFEIER A
AL R HTLELE U GILA B DD ET Ars-3 & AuNPs 2 W BBk THEF K1 As(111)
REEDNE CEI2Z &AL,
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2.3.8 As(ll)-As(V)IEA Y7/ HIZBIT5H A EE R E

2.3.7 ETORERIY, AHFFE TR LIS As(INSHTEIC > THE T kF o> As(H) i E%
BESTDHIENTET . LLann, i FAKHFO As ITE{LEITTIREE, pH 8, Ny 2r 7 F07 A
dv, AW, BAEMOTEEE DR FIZL> UL FREBRLE THHIENEL, i FARFIC
As(lINE As(V)DNRA L T EHIL 5 5[24, 25]. Figure 2-8 X0, Fex OBIR L= 5 As(l)7y
Hrikid As(V)ZIZLDH ELTE As(N) PN D& EA T EROGLIRWZ ERH BN ST, 2079,
As(I I ON As(V)SEA7H 7 Lt D As(HJ EE 2@ IR E B ATRETZ &5 2 7.

85 As(IN o HTEE VT, As(liE As(V) & & Ee itk As(1)iE (Figure 2-12) L
TARF D As(I) i (Figure 2-13) %7€ £ L7=. Figure 2-12 (238 C, AFIETE RSN As(11)
TP (B K IS L2 AR EELIZIZRI U CTh o7z, Fiz, UK PICBITD, ATET
TE STz As(I)JE FE SRR RIZERIN L7z As(IJE EE LD —Fk ([FIIR) 1 85~130% CTh
~7z. Figure 2-13 T, As(IINJREZY 5.0 uM LLEOH FKFIZE81F2 As(HH)RE D E 21,
HFKHIZRINLZ As(IDBELIZIZRIC Th o7z, 2, I FKFIZBITS, ATETER
A7 As(IIJRBE & H R K FRICERANL 72 As(HHIREE & D —Bf ([RIYNER) |3 F KT 85-98% T
otz LinL, As(I)&E £ M F/KEVE(As(V) = 50 uM) T, 3.6 uM S KEElL7=. Zd
W RFHIOJRRIE, AFIEIZIBNT, LOD K As(H)iEEAE R LIZZEITRR T 56072
EEBEZOLND. (5T, RIEITEMAKSH T AKF O As(V)EEZIILDELTIRASBAA 28T
FEHZIBWT, LOD LA ED A E A4 E R+ DN TET-.
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Figure 2-12 As(IN)RAMEEMAK T > 7 10> As(I)iEE & AR FYETE RS2 As(H)RE OBIf%.
FAEHA P O As S =50 uM.
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Figure 2-13 As(IN)IRMNHL T K> 710> As(IN)iEE & AR FYETE &SIz As(H)RE OBIf%.
FAEHA P O As S =50 uM.
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2.4 fim

AHFFETIE, DNA 77 %~—% AUNP Z T, #E KD As(HHiE AR E 35 5 4y
WrEEBRFRE L. RNEORRE I EE 5.2 537 A—4—TdDH, NaCl KR EEA L Fa—
2 IRFfE], AR pH Z B b L7z, #RHTIRF#IE 65 43, LOD 1% 2.1 uM Tho7z. A4 48
B LDRTER A THOZE T, B A R B T4 B E CE e T KD As(I)JE E A E 4
HIENWTE. BIRED As(V)kE % 728 B T4 2 G ek, KO TP As(1)iE
FEIZOWT, Ars-3 Z AW CERIRAYICHIE T 5L TET.
EFRO S As(I)HTEDBIFICBWT, 7 a—7 RIS L TD Ars-3 12OV, Ars-
3 LIS DA ssDNA BLalz T, AuNPs K lZH51F 5 Ars-3 & As(II)DOAE AAEH AR ~7-.
ZORER, Ars-3 1L As(INIZFERANHE AT DILITTET, Fox OB L As(N)DE 50t
1 Ars-3 721 T2, oD ssSDNA BRI VT As(IDN IR E &2 E R/ TEXHZ LML, £z,
Ars-3(100-mer) JOHELV Y sSDNA Z VD&, BEFROBEEDKRELRY, As(I)D R HIEEE 237
T HZENRHBL.
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% 3 B BRILEIVAT IR FLEIEBRER DNA ZRVWH B R (V)2 HriED
PAZE

3.1 e

%5 2 FETIE, DNA 774 ~—& AuNPs Z V7=, As(LIERE & LT=fl 5 Tz B L=
UL, BREHIZIE As(I)DAH725F, AS(V)BAFEL THY, ZIUZRAREFEEL B AEL TV,
FERERE As 11T, EBEHE (As(V)) SHEEREHT (As(111) D 2 SO — Rl IR BEZ >, As(V)IX
As(lINE LI 3 DL FHIEITFTT WS OO, IFRBIRERE R THETHIEN LN, KD A
7253, FKRLCIAB AR FIAFAET D2 LN 2L, As()EDS IAWHBE TS IS, 20729,
As(IIZEER L LT 5 IHTED 7259, AS(V)ZRER L LT 5 S TiEb T LB 2 0.

LU, 55 2 FETHIATLIZ DNA 77 4~—% AW ETIE As(VIEOHT &,
As(V)IZHPEAHTED pH IZBWTREA A ELTIFAEL TEY[L, 2], DNA 77 % ~—%E L T\
DV B EE BRI AR T T80, FRRRE G DN TERNEB 2 bND. ET2, As(V)D

— PR E AL (PKar) = 2.24 THY, pH 22 LSE T AS(V)DEMZ =0 (2L TS DNA 7 7%
~—URR ST IOETDE, pH & 2.24 KT D0 EN DD, ZD pH SF T, DNA (3
VU RRMNEESTC, TT =277 =B EiS 4L DNA 77 2~ — O EE SN T 5. 207
», DNA 77 2<—%H T As(V) &R T DI EIARAHETHD. Lo T, 5 As(V) ik
DNA 774~ —Ll 3873257 7 a—F & W FIE TR T 201D 5. As(V)D B4 f# 9
LZEIINEETH D03, As(V)DHZ i T2 FIEITOK ORI TEY, R~ — ARl
o, ARG, e R, @ BT SR AL TWABE]. L LRnh, ZRHLO#HE TIX
7T o7 — LD ETITEMIN TODHOD, FEEREE~OM R Tldasiv .

AR, T/~ T VT NEGHICRIRT2ZENERSNTND. T/~ T U7 U — BB @
EREEERD, MWVEREZES CEL RN HD. EO— 203 & B LY T ki1 (MONP)
Tdh%. MONP [, DNA OWAEIZE DO NK[3], FEEDT =A L DIFAE F Tk s
DNA D& DHE N HOWTEBRSNTZ[21]. DNA 2% SH7- MONP 1%, 7=4 it D&
=TT T A= LELTHEHTHLEEZEZLND. ZTHETOMSETIL, (L) ki1
(FesO4NP) 28 As (V) B — L L THEHEIL TSRS, 2 As(V) 23 FesOsNP O il 2 W 457

HHEEFIA LI FIETHH[21, 22]. BIOMFETIE, BikEUY L) 2R (CeONP) 23, <D
EEBRALTEDL R LEER THDHIEDVRENTZ[3]. F72, CeO NP (ZEDFKEIZ As(V)

W FEL, D DNA WA BIFIMEIT FesOsNP X0H 5 ~72[5, 21, 23]. UL, BRPEICZ LV
W, BREEE=ZV 7 ~O TR TRROAL T[S, 24].
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ABFIETI, B2 2RO T AKICE END As(V)IREE &9 6 ik CllE 570 Offi #
S HHEZBRZ UT-. Scheme 3-1 1%, AFEORL LT A=A LA 1L TV, £, 7041
A2 (FAM) {&fifi DNA % CeO.NP &A1 F 2 —hSH 5. FAM {Effi DNA (X CeONP DK [filC
WA S, BOEDSESIUVB ATREMEN D 5. RIS, Yo T A BRI ZD. As(V)BIEELZR
%6, FAM {&£fi DNA -CeO2NPs B S RITAIR P ICE £oTnD. —J7, AS(V)DFET D&, T
FHLTUVZ FAM {Efifi DNA 7 CeO:NPs 7Bl &L, £DRER, #ots 7 FANREE TS, 1o
T, FAM (ZH ST 506 EE (Ex:495nm, Em:520nm) Z &3228 T, As(V) DI E 4 & iy
Wt T 52 LD TES.

.

FAM-labeled DNA  Sample

15 min 20 min

Other ions /f/#

r 3

y) AJIsuajul @ousosalon|) aiNses|

/j FAM-labeled DNA

® As(V)

(wu ogs

W Cerium oxide nanoparticles

Scheme 3-1 FAM {&fifi SSDNA EFgfb-t U L) 2R 1% FW = KR O As(V) bb g HiED R
ORI
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3.2 BRIk
3.2.1 ABFFRIC TR -aRIE

T_TO FAM Efifi DNA 1%, 2—a7 > X7 )37 A e Atk (A, HA) B ATFLE.
Table 3-1 ([T AW %8 T H L7 EE 5 O — % %~ 3 . 4-(2-hydroxyethyl)-1-
piperazineethanesulfonic acid (HEPES) 1%, 7 7747 AVt D A FL7-. CeONPs (H 41
7' %5 643009-100ML) I %, Sigma-Aldrich Japan 2>H AFL7z. As(V)IZ, & L7 AV AF GRS
RSO AT LIZ 60%ERETANR (HsAsOq) ZfEH LT-. X CTOEEHKIE Milli-Q K (Av73Y
RT) TR,

Table 3-1 A2 L7~ DNA BLA (FAM: 7 LA Lt AL)
DNA 4 Fr M F R

FAM-Cs 5-[FAM]-CCCCCC-3

FAM-C12 5-[FAM]-CCCCCCCCCCCC-3

FAM-Cis 5-[FAM]-CCCCCCCCCcCcceeeecee-3

FAM-C24 5 -[FAM]-CCCCCCCCCCCCcceeeeccceceecece-3

FAM-Cso 5-[FAM]-CCCCCCCCCCCCccceeeceecceeeccecece-3

3.2.2 CeO;NPs & FAM f&fifii ssSDNA % V7= As(V) D & &R

10-mM HEPES #% & (pH:7.6) |2 CeO.NPs 43R & FAM {Efifi DNA ¥&iikA Iz C7a—>7
VR 7=. 15 /0%, 7 —T7 K 20 uL 2~A7aF a—7 2Nz iz, 2Dk, Yo7 VEE
W20 UL Z~A7aF 2—7 NOT a—7RERA L. ZORAREZ =R T 20 /7M1 FaX—
RL72%%, IRGROPE R 518 nm D8 EsR L2 E L7z,

CeO2NPs & FAM f&£fi ssSDNA DOIREE, FAM {Efifi sSDNA DI, B ED A Fa—g
VRN, ARTFEDREIC KT T B4 ~7=. CeONPs D& it 4572012, iBRIA
R D FHE) 7 CeONPs JEFEA 0 75 60 pg/mL FTELSHET=Z. 1 uM O As(V)ZUsInL7-70k
(POS)E As(V)ZFRINL 22V i EHNEG) D i 5= 518 nm T4 e E A L, R Version 3.5.2 %
FHUNT Student's t-test © POS & NEG D Z4& /5T L7z,

CeO:zNP 7250 FAM {Efifii ssSDNA DB E L (Ka) 25 T 272018, W& Pl 2 aiT -7,
W A5 T 2R TIE, 1.5 mL Fa— 717 u— 7 1Ak (10-mM HEPES #% i (pH: 7.6) H1iZ
CeO,NPs 45141k (0~60 pg/mL) & FAM f&£ifi sSDNA YA{Z (400 nM) Z{RE L7-1AR) % 20 pl Ji
R Tz, A hr—) LRkl LT 10-mM HEPES #% &K (pH : 7.6) Z FH B L7z, dt AT VA lEL
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721, T 518 nm DHOGHREE L FAM & DNA O EE DO &2 AW T, a5 L7- ssDNA O
WEZEIH L. Boni-7 —41%, &(3-1)2H\ T Langmuir &7 /LI 7 4 hESHET-.

_ QmbCe _
€ 14bC, (3-1)

ZZTC, gelL CeO2NPs IZ 4 L 7= sSDNA DIREE [nM], CelXFEW A ssDNA O EHEHREE [nM],
Qm I sSDNA D R AEA R [nM], b 1T E = FLF —DEHTH5.

FAM f&£fi sSDNA DA fgiifl 457012, CeONPs D& i 2 fgib L-#12, 7 'n
— T IRREY VT VIR OIR G VIR T 0O FAM {E£fi sSDNA DAL % 0 7>5 500 nM £ T4
{E&H, POS & NEG O 7 )LD Wi B 4 bel 7=

DNA R 2Kk 3572912, FAM {&ffi poly-Cytosine DNA (58 1) ZH\ T, As(V)iZLD
DNA B AT~ 3 _COT —H#%HWT, POS o7 /e NEG Ho 7 /L TR D
7= (AF) ZHE LT,

YT IVEIMEDA L F 2 —al Rl i b 35729012, POS H 71 & NEG Y7L
DENEI 3 DOT v —TEREY TN DIRE V%, o 7 /VEIE 30 73l F=
N—arl, 6 GTEITHEOLTREATEL T AF 2R H L.

FIRONRT A= —F b LT 1%, SESER AS(V)IRE CARFIEOR EMRAEVER L. 10 #
D7 Zo 732 EHMINi-Q 7K) &, % D As(V)IRFEED As(VIEEHERIRD 3 SOFRELOE AT K
NaRIE LT, 518nm O — 27 &5t i35 As(V)IREIZX L T ey Uiz, 7z, 0.5uM LIk
D As(V)JE TEAREIFEITV, REMREZEZ. ZOfE RIS T, MHIER (LOD) k% 3o/s
OREANTHEE LT, 22T o 1T 10 O T T2 7B O YR 2, s IZMIREROEE THS.

AJEOZRIRVEL, BEIAICEE T =4 Thsd As(V)IZH LT, HAsOs, NaAsO2, H3BOs,
NaHCO3, Na;CO3, NaNOs, NaF, K;HPO4, Na,S0s3, NaxSeOs, KBr, Kl % 10 uM ¥RINL 7=k D
WO ERE A BT A E TR L 7=, B4 TIE, NaCl, MgCly+6H.0, KCI, CaCl;, MnCl,*
4H,0, FeCl, * 4H,0, FeCls + 6H,0, CoCl,, NiCl, » 6H,0, CuCl, * 2H,0, ZnCl,, HgCls,
(CHCOO),Ph3H,0 AR MEERE L THIVV-. AF (3, Steel #E % AV THRL-.

1KY 7T 2019 4 2 AICARRE RS ROER I L7z, HTIOKITIE As 235 FAuTU7Rdy
ST, EERBROTZDI As(V) & B2 DI THE F/KIZA A7 LTz, 3BHE, 0.2 um DALE
DN (ADVANTEC #REtth) TAMLT%, B4 & #id 7 2 (MetaSEP IC-MC, GL Sciences
)T LT, D, ICP-MS LT HPLC-ICP-MS Z T, As(V)IEFEZIEL, i 2 b
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L7-.

3.2.3 ERILELY 72T

HOGIREEN, HOE R FP-6600 (H A kA, HA) 2 MW TRIE L. HiFK
POEJEAATIENL, @EIRIE7a~ T 7 (B ERT, SLC-10Avp 2 A7 L) IZHi Sz
GelPack GL-IC-A 17 A (HZALRR) &l S, FigHE 67 7 X~ B &5 i 25 E (ICP-MS,
Thermo, iCAP Qc) IZ3E AL, ICP-MS ~ 27 A CHIE L 72 (Kamei-Ishikawa, Segawa, et al.2017) .
AHFFETIL, FRHIENTICI T R Version 3.5.2 Zf# A L7=.
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3.3 M REBE
3.3.1 WEHREIC K IE T CeONP & FAM {Efifi DNA D D 8:

CeOzNPs & FAM {&fifi SSDNA ORJEL, 42T A—4—HEE ThoH78, CeONPs D
FEIREEL FAM (&£ DNA O 3 H TR AT 35 8% 3 ~<7=. Figure 3-1 %, POS LY
NEG B 7 /L DEIEIREIZ3T % CeONPs Sk [E DR BA R LIZbDTHD. WH 7Lt
%, CeO2NPs DR FEN @</ DTV T, HOLIREE DMK T L7, 15 pg/mL @ CeO2NP £ TD 7z,
POS > 7 VD IR EEIINEG B 7 /L KOG @i<72R0, HEGHICH B2 7220 7= (p=0.05).
POS #XEtE NEG #REFO® IR D ZEIL, RFIEOKEIZBIR T 5720, BB D Fofki7e
CeONP JRJE(S 15 pg/mL &L 7=,

450

w

o

o
1

150 -

Fluorescence intensity [a.u.]

o
1

0 10 20 30 40 50 60
CeO,NPs final concentration [ug/mL]

Figure 3-1 As(V)TF(E T (POS) BLOIEFFAE T (NEG) (233158 7 LY D CeO,NPs Hief& i
BEDSHOEIREE I 5 2 AR5, FAM &£ ssDNA &L T FAM-Cg 21# . FAM-Cg frf& )% = 375
nM. FEHRINB DA FaX— a5 =20 4.
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0-10 pg/mL T, fREEL7Z As(V)D B2 728, POS & NEG DRI/ 7=, 20
ug/mL LI BT, BB D CeONPs DS FAM-Ce DELVHE 0 o7, Ziud, el 7=
CeO;NPs (2 As(V)3W 5L, FAM-Ce Z ¥R CHILEEL 72~ 7720 & 2 B, NEG Vo
DTy MR IR A 2 Tk, CeOaNPs 7350 DNA OBl E%x(Ka)lE 5.17 pg/mL &5 H
7= (Figure 4-2) .

450
= _.----—--' """"" a7 i -
= .

3001 .
= .
T
Q 1501
O ;
w 'l
-D []
< ‘.

o}

0 20 40 ~

CeO,NPs final concentration [ug/mL]

Figure 3-2 CeO2NPs i i FE 1256535 sSDNA W AS R . 3T 27 27 il il
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F72, FAM {Efifi SSDNA D& FEIZ DWW Th A {k L 7= (Figure 4-3). NEG 7 L0
T, FAM {&£fi sSDNA FcfIREEAY 200 nM LL_ECTHOETRE N EL R0 4D 7. FAM {Efifi sSsDNA
I AEIRIE = 300~400 nM “CIXHE TR DHIE AT K L7273, FAM {&fifi sSDNA i RIE =
500 nM Clida e E O K OREE N/ NSL o7, Bl b, SOETRE DS R <RV iR 124 1%
FAM fE£fi sSDNA A& EE DM KT D124 C, SOBTREEIIHIEAIITHE K273, RIEFTIX
FAM f&£fi sSDNA 7% 500 nM TIIHIEZRIZRE R TIEeW, BimslZ R0k RGNz, 20
JRIRNTFEFECTE 72/ -7273, 400 nM & 500 nM Ot FIZHEFHRICAH B 722 (p = 0.05) 237277
728, WERREICEDLDEEE X 2. — 7T POS o7 /U T, FAM (&£ ssDNA JEE =
100 nM LL B2/ 5L 8T SO TN K LA T2, D%, FAM (&£ ssDNA #2E = 200
nM, 300 nM, 400 NM &7 251223 CHOETREE A KIEIZHE KL, 400 nM D &X 38 LR D e
w7l ZhUE FAM & sSDNA J2 =100nM £T CeONPs Zifi_FITfTh S STV
W7 —CeO,NPs FEELTEY, 7U—CeONPs FKEHIZ As(V)BEL TUWEEZHND.
FAM {&fifi sSDNA J2EE = 200 nM Bl EiZ725E, 7Y —CeO2NPs 23 ES72D, FAM {&ffi sSDNA
D3 SH72 CeONPs (2 As(V)3K 75 X4, FAM {&6fi SSDNA 23MILAg SHL7=72, H82 JEaR M
BRL72E%5 2 Hivh. FAM (&£ ssSDNA 3 500 nM 2725 &8 Y A3 L7273, 400 nM
& 500 nM OFEFICHEFH IS B 727 (p = 0.05) 2372072728, NEG B 7 /L E[RIRRIZHIE R
72LFE 2. POS 7Ll NEG H 7 VO EIREE D 721X, FAM Effi DNA FoféiREE A mi<
RBIZHONTRELRY, FAM E£fi sSDNA &R = 400 nM Tl KE7ao7z. ZRHDHKE R
5, FAM &£ sSSDNA D& 1% 400 nM ST L7Z.
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300

N

(-

o
1

RN

o

o
)

o
]

Fluorescence intensity [a.u.]

1 v 1 v I v 1 v | ¥ 1

0 100 200 300 400 500
FAM-labeled DNA final concentration [nM]

Figure 3-3 POS 3L TN NEG (28175 H 7 VEEHRH O FAM &£ DNA &R 12 L 58 L)

JE~DEES CeOaNPs Fof&I2 & = 15 pg/mL, FAM &£fi DNA &L T FAM-Ce 24, BHARIN
DAL FaX— a5l =20 4y,
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3.3.2 FAM f&£fi sSDNA DM H = 3 s oR BE T R FE 52 4

SSDNA D H =78 As(V)IZ LD ssDNAFRBESUS I e B2 B2 2 L FRASIZ[22). 22T,
sSDNA D EZ3 AF (252 D5 B A R~z (EHL7=D1Z FAM-Cy (n D2 &IE 6 725 30 £T)
Td5 (Figure 3-4) . ZILETOMIET, WEIZVVEEBHEZ N L THTh QA2 e D> T
5. EBIZ, Co ld 4 FEHOMEO T THeb @O, BiAA ML RUIZ[S, 22]. ZORE R,
CeO,NPs |25 L7= FAM-Ce 23 3528 C, As(V)iREE DRI L~ T e EE 23 45
ZEmbiroT- (Figure 3-4, Scheme 3-1). Cip LA EDHTIEE D ssSDNA 13 CeO2NPs 7 i 12 i< W
ESI, P VHIZERED As(V)BEA L T TEH FAM-Co & L7en o727, AF 238
KU otz JeATHFZETIE, FAM-Ass % MnOaNP (1Z[25], FAM-Cis % FesO4NP (248 F L T[22],
I IEEEIEZFEBL QD ZOZEND, CeO NP FiilE, LWV FAM-Cy, ZH\AHZET
LI R D =— 7R Rp e A RO S am O 7.

360

—.—-CG
1 —l— 'C12

0 2 4 6 8 10
As(V) concentration [uM]

Figure 3-4 FAM f&£fi sSDNA O R E 2 R I 52 DR 2R, CeONPs D& : 15 pg/ml,
% FAM {Effi sSDNA DEHEIEEE 1400 nM, P> FVERNNE DAL 2— g B 120 431
7.
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3.3.3 BN DA L 22— g B AN UG IR - R 8

Figure 3-5 1%, AF OFFZE(L A RLTZHDOTHS. AF (FEAD 6 77 LIPNIZT<IZHEAIL, FAM
{EHii SSDNA @ CeO NP MO0 RIBES D 6 73 ANITHE Z 72 ZE AR LTS, AF D KIE
1% 18 /3 Tho7=. —J7, AF X 18 /3 ECTITHINE T, TN LA INLT-. 2N HOFEFos, 3
VNI DFGEIRA L F X —a B 6 pERESNTZ. ZORKE A FaX—ar
FREEIE, FesOsNP <> MnOoNP Z FV i EOAFE (30 77 LA E) Kb an-7-[22, 25]. ZDLH7%2
W2 7 F VIR, As(V)E S T I 3EN TR ThD. 2, CeONPs %D FAM-Ce
DEEED Fes0aNPs X° MnO:NPs L0 & o727, BESIGAMEESIZLOLE 2 HD.

60

o 10 20 30
Incubation time [min]

Figure 3-5 POS & NEG (28T H3EHAMNEZ DORRBRIRD AF ORFEIZE L. CeONPs &g =
15 pg/mL, FAM f&ffi DNA &L T FAM-Cs ZfE H, Hcif& FAM-Ce i A& EE = 400 nM.
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3.3.4 AFEOKER

Figure 3-6 1%, AVEICED As(V)DRERRCTHD. RERIKD AF 1Z, As(V)723 0.5 uM i Iz
L3, As(V)IEEEDS 0.5 UM 735 100 pM ~D IR, HOETREEDS 40 75 385 FTx4AY
(ZHIIN U7z, # RS (LOD) 1, 0.44 uM EHEHHE T,

450 //

300 - y=121Log10(x)+1%9,' ]
—_ R2=0.93

- ’,’
S, e
L
<150 -

% °
0-
0 0.1 0.5 1 5 10 50100

As(V) Concentration [uM]

Figure 3-6 AFIEOREME. AT IR Z2R 7.
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3.3.5 ARFIEDOZEINIE

Figure 3-7 1%, B0 7 =4 G TeaElD AF Z7RL TS, As(V)E G TIAIRD AF X, 77
YOI ND AF IVHELLEh ol Wil Z S el AF 1377 73R b TN E
<, IR LV 2 8 1Bl AF 137 T 73BT & Tz, [EA A4 ORI TRt
INTEAT ST, 7T 7 DT =2 (As(V)ZFRS) ORI, #EEHICA ER 7= (p > 0.05) (372
ol LinL, 100 uM OF7 =F 2 W T ERBRAIT 7225, RUBEE LY BRiE S 1 EE
727z (Figure 3-8) . F7z, As(V)DROVITHRT IR L) Bt % VO TRIEO K &R E/ER LT
LA, ZNHDT = O Y, HOGIRE S INLT- (Figure 3-9) . ZOTEND, ARIETIZ
R R LY RN IR E B ChHZ LN b7

0
Blank As(V) B HCO; CO,; NO; F P 80O, 8O0, CI ClIO, &e Br

Figure 3-7 KFIEDT =F AT T @M. K7 =AU = 10pM.

180

120 4

60

AF [a.u.]

o -

BlankAs(V) B HCO,CO, NO, F P 80, SO, Cl ClO, Se Br |

Figure 3-8 KRFIEDT =A ATk L1 IRME. As(V) = 10 uM, ZDfth = 100 uM.
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120

Phosphate

Borate

0 25 50 75 100
Concentrations [uM]

Figure 3-9 A TIEITx DT BEHE LU L B g o 8
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Figure 3-10 1%, BB F F L 2 ETeikElD AF 2R, As(V)EZTSINLTZIAIED AF 1%, 75
YIREND AF LOLHEEICE T As(I, K(1), Ca(ll), Mn(11), Fe(ll), Fe(lll), Co(ll), Ni(ll)
DETEED AF 21X, 7T 73BNk 28 B 221X eh -7 (p = 0.05). —J7, AFfE
1%, Na(l), Mg(I1), Fe(Ill), Zn(I)D AR TiXio T 70:Zm<, Cu(ll), Cd(I1), Hg(), Po(I)D¥EHE T
A EIZEoTZ. LsL, AWFZETE M L7ZATLERIZ L > T, ZbDAF U ZRETHILNT
&7z (Figure 3-11). ZNHOFEFIE, ATLEEZ O As(V)IZxET DR TIED @V @R MEEZ RL T

Blank As(V)As(lll) Na Mg K Ca Mn Fe(lhFe(lll) Co N Cu 2Zn Cd Hg Pb

Figure 3-10 ATFED As(V), As(lIl), BT ATk T DEIRVE. F A4 IERE = 10uM.
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180

5 As(V

s [

- Cu, Hg, Cd, Pb

-"02') mixture

? 120 -

()]

‘E After

" 1pre-treatment

3

GCJ Blank

G 60 -

(7))

()]

—

@)

=

TH —
0 T T T ‘__I-HL.“--#_-
500 550 600

Wavelength [nm]

Figure 3-11 AALER (BA AL A3H) \IC XD L EME ~0 2
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3.3.6 HI TRV T NADIHF

As(V) &G 0 FAKEARFIEICHL7=E2 A, 518 nm D TR DE — 27 3 KIgIZHEINL
7= (Figure 3-12) . ZOH Y S RO, ST VB OAF 2L >T FAM-Cs 23UIVEES -
ZELITERTHEZE 2 HD (Table 3-2). ZZ°C, ALEEEL THEE 0.2 um DAL T L T 4L 52—
EBBAF LA M E TR LT, AT LTV E—TIE, i PR ORI EAA TR ETE )T
(Figure 3-12). —J5, A& A ZHEAT ST Bt O #ESRE DY —21%, 7T 73kt

ZIZFIL Toh o7z (Figure 3-12) . ZD LG, ABEITGAA L RHaAATHZET, I FARKD~R)
VI AD T RA RIBIAKIR TEDZEN D72, KL 2 i A5 4 (Mg(Ih)& Ca(ll))
MEFNTEY (Table 3-2), ZNWRE AU ROE—7ZH KEETW5HEE 2 Bt (Figure 3-
13). ZNHLDFERNS, GW F DB BAA IR IIGA A U L > TRRIZER ES N, R

(2 Na() 23 tHES =2 D30 5.

800
5
S, After filtration
26004 7
) \
C
()
c Groundwater\*
= |Groundwate
(()) 400 without As(V)
(@)
-
()
@ 200
o | After filtration &
O cation exchange
LL Blank
0 - .

500 550 600 650
Wavelength [nm]

Figure 3-12 Hi F7K, FLEE 0.2um DAL T L7 4V H—TAIBUIZH K, L& 0.2um DAV T
L TANE—THBUGAA AR Z B LI F 7K D FAM {Efifi DNA D AT ML~

el

DA
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Table 3-2 H1 T KV T L DOAA AR (UM) . "Bef "1 L5142 AZHULERRT, "Aft "1 X5 A
RHILERL DOV T N Z N E RS . K A4 IR ET ICP-MS THIE.

GW
lons
Bef Aft
B - -
Na 940 1,904

Mg 590 0.0667
Al 1.69 0.40
<0.00  <0.00
K 128 0.62
Ca 1,085 <0.00
Mn  0.242 <0.00
Fe 3.68 <0.00
Cu 0.09 <0.00
Zn 035 <0.00
As  <0.00 0.04
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750

600
450 -

S 300 -
5, ]
L. 150 -
g .
0-
150 -

-300

Blank As(V) As(lll) Na Mg K Ca Mn Fe(ll) Fe(lll) Cu Zn
Figure 3-13 Mt F/K @R E TH ENDRIEAA > DR, As(V) = 10uM, LD = 100pM

ARFYEE ICP-MS THRIE LT GW H1 D As(V)iREEDBIRZ Figure 3-14 2R3, W <OND
1y NI, ATETHELZ As(V)IREEDS ICP-MS THIE L2 ELIFIERIL THHIEIVREN
7o LML, 1ZEAEDOFEID As(V)IREEITA T Tl NI Savz. o/ N, aifer
REHICAFAE T DME—DAF A Na(l) THY (Table 3-2), I ERE ROIEHER N KED>T-72
O, WERZEIZLDLD THDLHEBZDINA. D=8, WERZEZ/NSKT D7D, WEHE
EEETHNERGD.
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1.5
3 =  Groundwater-1
E e (Groundwater-2
8 S
8 210
G 9
§ ©
= e
8 20p5-
C ——
o >
O 0
>
V)]
< 00-

OTO 0.5 | 1?0 | 1.5
As(V) concentration spiked to solutions [uM]

Figure 3-14 As(V) RN FKEELE AL LW EMEE D BEFR
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3.3.7As(lll), As(V)IEA Y 7 VRIS As(V) T R E

3.3.6 ETOMRIY, Fox OBIFELMS As(N)OHTEICE>THEF KD As(V)HEZHI
TETHIENTEI. LLRG, 5 2 B TbANIZIIIZ, HUFKFIZ As(lE As(V)s 7L
TWBZENRHDI26, 27]. TDI=8, 5 2 D 2.3.7 THEELE As()-As(V)IREH 7 Ao
As(IDEFEEREFERIZ, 2.3.7 THWZ As(H) - As(V)IRE T 7 /L H D As(V)EFEIZ OV TAR
fii% As(V) o iTiE CE &L

&5 As(V) 3 Hirika -V T, As()E As(V) & & EeiEiflik o> As(H1)JREE (Figure 3-15) LHi T
AKH O As(111) 7 (Figure 3-16) 7€ & L7-. Figure 3-15 (2B T, Affi 5 As(V)o ik CTHIE
L7k As(V)EEELL, BBHK Pz As(V)IEELIZIERCTHY, BT 100~
120%&F iS4 7. Figure 3-16 TlE, K TFETEESNHI TAKF D As(V)IREIL, Hi FKH
IZERINL7Z As(V)IEFELIZIZRIL THY, [EILERIE 100~122%EH Sz, LosL, @ik o
As(V) =5 UM IZBW TR S As(V) O HTIE TERLIZAERIL 8.3 UM THY, [FERICH FKH D
As(V) =5 UM IZBVVTATE S As(V) o HTiE CTERLICRERIL 8.9 UM Tho7z. ZOJRIKITAFE
BRE IR LB DR S 72 LOD (4.9 uM) HIZIERILTHY, HIEEEICL L0 L
BZHND.
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5 70
e ] +30%

g o0

Q L ]

& %50-

° © - d

s 2% -30%
o o

= 30 -+

S

Q 3 204

8 &

—_ 10'

> .

< 0

0 .1I0.20 30 40-5I0-6I0-70
As(V) concentration in standard solution [uM]

Figure 3-15 As(V)ZIiINL 7o MK 7 LD As(VIREEEARFIETERLZ As(V)iRE DR
f&. YT NI T O As 2 =50 uM.
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~J
o

+30%

&) (o))
o o
| IR

I
o
1 M

-30%

by our method [uM]
N w
o o
2 g

As(V) concentration determined
o

0 4

1 v 1 N 1 v 1 N 1 v 1 v 1 v

0 10 20 30 40 350 60 70
As(V) concentration in groundwater [uM]

Figure 3-16 As(V)ZIRILIZH R K7 /LoD As(V)IEE AR FETE R LT As(V)IRE DB

PR BV TR OR As JRE = 50 uM.

As(l)=° AS(V)ZIELU D ELTokk 2 72 b FREA ST BIE BT 52 81%, DRV IRE ¥ CThD.
LC-ICP-MS D573 Hriédnz WAL, BRx R E &R O L P REDIRE A3 BE &1 512
ITHWGNDD, A K U= HIETIERD. ZO T, Hix e As DLz o BlE &5 51k
ZHHFTHILITEETHLEB X DIND.
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3.4. fhim

AT TIL, CeONPs & FAM f&fifi ssDNA ZHWi S As(V)odriEzBsL, T KkHo
As(V)i E DI E AR I 72, CeONPs DI (15 pug/mL) & FAM {E£fi DNA (400 nM), FAM
&£ DNA OELSI LS (FAM-Cq) , B DAL F o —a WEH (6 43 LA E) 728, ARiEOMERE
B L 52 DN\ T A= — L i b UTo. "TA—Z— %t LTG5, #a o Tl 20
57, LOD 1% 0.44 uM E7po7c. ZOFEIR, FIREED Cu(ll), Cd(11), Hg(ll), Pb(INIZXL TH E
PRIRIRMEZ R L, [AIREE ORI I L ORI Z X L b3 eI W2 R Uiz, v o 7Ty
VIBEELISE T AT A R ET DD DA AU LDRTLEENS B2 o F A %
R TCE L KO As(VIREDHEIZA N TH T2, LorL, ZOFETIE, As(V)ZHIN
LTzHEF KD As(V)IR B 2/ Nl 32 rTEtE DS o 7o BEUE(R 254/ 8&< L, CeONPs ~D
FAM {Effi DNA & As(V) DR - B 2L ESHEDMENHLHEZ 2 bIVD. $To, 5 2 ETHZ
L7815 As(IN) I ATiESHAE DT, IR O As b FREICHE LR SR, o7 o
As(INDFEEEZ 1T HZ L7 AsS(V)E BB TEI-. 20720, 5 2 E TR LIS As(l)/oHT
IEEARE TR LM S AS(V) I THEZLAEDOELZET, HUFKTO As(lE As(V)Z{b
AR E R CTEHIEAVRESNI-.

70



FB3E BBV UL AT EENEAREMN DNA 2 AN f5 b R(V) T EDR %
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AT VUNT T RBRERL A VIR THERAT DNA 7 72~ — DR

BAE TN TTURBIREICEAL VAR THERE ST DNA 7 72w —DER

41 HE

LA 274l (Legionella pneumophila; Lp) 1395 MDD 7T AEMEE THY, A, IRy
Flo AT A, fOBK, AR, KT —v, BK, BEKELS a8 0 N TR CHEFRAYIZIA
Do TNB[L]. T4, I—rmy 30dbKIC T, L4 3 TE (Legionella Disease; LD) 0 & i 1
ML CTWA[2]. LD OFRAEMIOEEINE, A2 7T DEFH-CREGL L3\ O &l s O, LD @
BWHCCH AT OB RE, WS ONDOBERITE R S[3]. BATIE, LD Z2FIETD AR~
([ZHEINLCHsY), 2019 FITIFAER] 2314 4% HH TS, SHIZ, SARS-CoV-2 L0 [FIRFEYLFI
WHESITOD[4]. 200 LD Yo, #iEco N DM, 1> 770&F1k, A0
DEHEIZ LD DEE 2 HID. WHO 1, #Gas Ol IR AR T DL VA 2T 8 O e
1 cfu/100mL HELSFHREL TWD.

BIE, KHPO Lp 2T 57200 1SO AEEICIE, HEHER/2 7L — D ME(AFNOR NF
T90-431, 1SO 11731) & qPCR (AFNOR NF T90-471, I1SO/TS 12869) ® 2 f&ffiN 5. 7L —haw
VU NEIT Lp 2 BCYE ZREFHIZEOBRETHICREEL, Lp Oan=—% 7 5. ZOTFIEIC
13 4~14 REFRREDDDT0, WO B AATOE TSR 2730, TORT LA 7384
DORND DD, BERIEIT, AAFL TWDHEFH TE720 Lp Al (Viable but non culturable; VBNC)
DFAETHIET, VAT LANOEGM Lp OBEO & /NS HZETHD. —J57 T, gPCR
B Lp HO DNAZE & T HZETHRAT HHIETHL. FHEEIEIVBENTOD AT, R
TERER, VR S B, MR R OIS, VBNC Hilaa M aTfEZe A TH 5. LasL, gPCR
TFERAAG I T 5728, — KA RIE IR R ALV Lp A &2 KRHEL, PCR FHEA
DIFAEN qPCR {EDE A HIBR T2 FIREMEN DS, IHIZ, T T L OYEIEMETH L7290,
QPCR {EDRIRR /e ANS N9 5. FEMIAEH D DNA 2 RIETEIC LTS, AEH & VBNC
JllF 3> DNA % gPCR 12k > CE &3 % EMA-QPCR b H523[5], ZOHHIf#E F 45 Ethidium
Monoazide (EMA) I & fi725 3 CTH 5 7=, qPCR LL_EICEAIIIZ /2D S W) E 2305 .

RAF A —IF, JEROME R L TRAELLMEERILCELITIETHD. (4
— W HER, R OZ L _IE, XTTFR, MR E OS5 HER %, VTV ZA LD
F P ART, BB LIS - & T 2720 HS N D[6]. A —I12i, iUk, L7
Fo, BoRIE, TR =1l SESFRAREMREFRHNSNDLTENZ. ZDOHTH,
DNA 77 #~—%, ZDREG 728 LMY, IR 2 m VOB RS R 2R
ZEinh, ZLDOIEHE DIEB ZHED TND[T]. T7H~—1L, FEOLELI-EEICITvETZ
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LRTE, TRARFERME (7 7 2~ — S I LR S, KBRS, FFERMHEEIEM, BL0RZ ¥
YT HAEAEREN LU TUEREHAERL TG T2, 772~ —I%, VIV RERDIEREA RN
B (3R L7292 T, PCR ZH W TR BI IR S & 5 FE 2L AT~ 7 1 v 7 \ a6
WY, U RORERE NSRBI (L 88k 15 (SELEX; Systematic Evolution of Ligands by
EXponential enrichment) [ZX > CARRTHZENTEH[8]. MEMANLE DS A, MlEE IO
EHF8iT 5 DNA 77 4~—%4357912, Cell-SELEX AWV HILS. LaL, A7 Cell-
SELEX T, 10~30 ZV U RRLERIGE DY, RIRHNCFIEDEHE TR DD, FTz,
PCR Z &I DT Y R TIX, RIFEMHOERSNTZT T, FERNTHR T 2B PE DMK VM@ > 72l
BN EEME S AL D AT REME DN D Z LI s ST [8].

ARFZENE, Lp DH5, EYFIDOHAE 732\ Legionella pneumophila (Serogroupl) (Lp(SG1)) %
B ATREZ A AL — DR A B EL, TOFHE—BEMEEL T, Lp(SGL)EfEA FIHEZ: DNA
T —RAR LTz, Boxlk, A~ — R v 7Y — I ) S s FE K B % (Pectl) (275 H
L, Pectl #4154 V= Lp(SGL)fE A7 DNA 77 4~ — ek & sl A 7=, Pectl TIE, MIEE 2K
D W) B P52 5 A A5 T K B (HITP) O JFERIC RO &, JRVE— — KT 5. TP
E—RPGE T LI, 70— — U ERUKE) (CZE) E—RIZBATL, ME-ssDNA #HE kL
FEREA SSDNA O — %43 BET 5[9]. BES AU —fliay — 1%, Vs Sy 77— HIicising
NIeARY=F LA X3 AR (PEO) DN FIZLY, CZE E—RHTHHE—E— 7L LU THERFSND. =
DINZLT, FrRIRAESBIRIMEEH 925 DNA 774~ —%8HZ LN T&DH. Z2T Pectl ik
BT TR T HZEOF I OWTIRAS, 512, MEMICR 425 DNA 77
B — DRI 2R EFTOTDIZIE, ME —DNA 774~ — A RS G RIETE DNA &%
BT D FIEN VA THS. Pectl 51T, MWE —/2H -t —7L L TR ATRETHS L,
DNA B —7Z (& R DNA) DA T A RS FIRFICAT 2 2 1E Th L7280, ZIbo E
TR BED RAAD . SHIT Pectl{EIZLD, ML DNA FA7 7V —DIR GBI OKEI TIE,
HIEE —DNA 77 2~ — S RITM Y — 27 LR UALE KBS NS (COF I 1 B THELL
WD) . LIzA- T, — [\ H OEERIEICB O THOE A RE — /@A 52803 kD, K
ST, MELHEARIEME DNA OERSHEZERL, MEE —27 DR ZIEEIIT 22 LM
i, EEREREGAIENE DNA O 23— ar N—4r FHIFELR WG ClEl AT RE
L%, Flo, ZZTHIRESSD DNA [3okEiSL LM, MEICH G LT 72 DNA THDH20, il
A I OBR (R EfE S FE BB DO /NEWV)DNA 72 MR SNDZ L 72D. Ko T, HiEE
DNA A7 ZV—0D 53T Pectl I EEHWHZET, —EIOSE RO CTHET 74 =T 4 —73
DNA 7752~ —ORENAIREIC /2D EE 2 7o, 5 12, SELEX 15 CITFF RN AMISEE A
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DRFRIRER AN AR 7R2TAUTR BTN, TEDIETEL DB NRE = T T HZEMEEL
V. D72, CE {EDORHETHLOE nL EWOEZRGUEHE AR, BIRIZH) D) DRLS S —
BaWOESETLEN, 774~ —BKICB O TIR LS TLED. — 7, Pectl £TI, i
MR RIKENEZFIHL TS0, #9 1 uL 0 CE L CIIFERICRERAEHEA R TH-
Th, MEFHEZHE O —7 L THIMERBRET5ZLNTRETHD. SHIZHIED #7257,
DNA 7— L [RIFFICBMESND DT, i —2 ORI 5. $70b b KRR EOREHE
AN&AToTh, e DNA A7 7V —DIEF IS E R BEN v REL R D EMfF L. Lo T
Pectl {EIZRDRAE EFEHEA —IEHi — 2B L > T, TRATSNDES R — 2 DD | LD
CE-SELEX DBz iR ATRE THH LA AL,
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4.2 EERITik
4.2.1 RWFFECHEIELI- Pectl i&HkE, M ONT 74~ —EFIDOUE L

Pectl jgetkikiiE, Ml Lok~ ZAERIM I L CRWE B REE RO 7 7' 4~ — 5815 57
DIT, Fr BTV —EXKE) (CE) IZB T oMIaDESKE) Fiks, HREET DNA nborRtEL 72
HMifa-7 7" 8~ — A RO Sy BUE L A B D T8RKIE Th 5. Pectl HRIKE TS
B DNA ZIRASHELLRS, MilaT 74~ —BEERE R RETHY, 777 ~—% &1 DNA
TNV EDTH 1 TUURTERTED. I, MO SEEE ) — — B RKE
(CZE)IZ&~oTATHL, AN 1335 38 SO RUBH R HE S (72 & 705l = T W0 D o R T 228
wh -z, flx ORI L > TERREBEXBHE L 525720, BEMEORWEROE — 27381
SNTLE). £IT, Saito biF, M —27 DBk K D721, v T) — iR 5 HE BT
Hh% (ctITP; capillary transient isotachophoresis) & & 43 7- (PEO 600,000) DRI LA A8 7=
CE T2, Pectl I&BIFLIZ[9]. 2O FiEIE, £7° ctITP (ZL-> TR v BT — 255K
TSR ENE (cITP; capillary isotachophoresis) (Z XD FMAEDIEAE R ICF Y E T — — BRI E)
1% (CZE; capillary zone electrophoresis) ~& Pk B2 A BRI TL CRUBOIRME- 7 BEZ1TD.
PEO 600,000 DIKENK ~DEIMZLOMRLD T +—T13 T ZhRE ctITP IEEMAGDELIE
T, MEZILC D L LIDRIf-R O BERR A FTREE L7, AR, CE & VGl $E% 50 J7 Bt
HOE B CH—E— 7L T RSB T5Z281200 TR L TW5[9].

TEHRTETHD Cell-SELEX JEIZHBW TR 7> T DS, Biam EAF1ET 2 AN RSO (N: 7
U H DA AT W) O DNA BHI§ N TERKITE AT HIEN RN EW) FTH
5. —fRENT, T T E=— DR TIE T4 LEE 30 ~ 50 MRS SNDTA T T —%
2720, Baa b 4%0~4% 7201 1018 ~ 100 MO DNA BB FAET HZ &7, L)
L, — RIS T 7 H~—8 I FTREZ: DNA 43 F-50% 102 ~ 10853 - Ch 572, 2ELSID
T —EB (11 103~10%2) LANEIKICHLL TUVRNZ &5, 2, EtERER T 78~ —2r %%
PIZTHE AN TETCORWATREMER DD LA E KL, TOREREL CTRMERERT 74~ —% ikl
TLESTWeEBZALNS. MEEHRE EOZRRRS—7 Y NIKE G T DmMERERT 77 ~—42
T —EOBRPI TR THZ % RIS LG, ZOFRITEMPGRETHS.

Fie, Pectl BikIEE G T, T/ X~—DU T NTUURERE FIETIL, &7 7 4~—%5
WIS R CHOFRAET T2 T, BT — A hb ke T 7 %~ —EdS a2
FLHIFEAT AR SN TE TN, Cell-SELEX LS RARDME R A AL T, (kA
T®% Cell-SELEX 5 ClE 30 [BIFEED TV U RO UIC LS T, 774 ~—ElS & ST
VT2, I — VAR TS DNA ORSIREEZIT 12356, IV MO WESNET 74
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~—BAIELTHIMr 5. — 5T, NI RBBIRFIETIE, 772~ —BA O e LR B
BNCFEA T, BEHID AT MR B2 THELLRDT0, BT — VI IERE R AICIR
AL TEF ST 7 52~ —F SN ORI BN T o MIODENEZRI 3228 TR, 20729,
DU NTY U RIEBR ALK o T T~ — Al IR A A S D 72012, BlAN T — 2 Hanh
T BB AT D72 D NGS 17 MR DD IR FEED LB Th o7z

AW CIEzNGO A OMME (OEEICE TORSNEZE AN TEXRN, QST —2FnbT
7o —RBNE R TTERWY) Z IR H7, Pectl {51255 ssDNA i# ik £k, &5 T/
DNA BHGR A I #%\CFE i T 57 74~ —BINRED T 0t AT, 7F7AZV g (CL) &7+
— 7T == RN (DL) 2 FE Lz, BEARNICIE, T4 MER O 5% 25 Lo
Z 2 DNA FA7 7V —%& v, SOIZERIESIEE (7730 —) 2T 2 E S 00 /32— %
(LRI S 2 L MRS b D, 77 2~ —FESOH I FEAEL U7, Fefy L 25 HE ik
DZH ILDNA TATF)—% HNHZET, 0% A DNA TA47 77U —HIZE E41H DNA (3 10%°
FRFRREL72D. DNA 774~ —0&—7 Y NEIC B 59 HE80T 5 AR )G o581, T
B, TN LSOOI AR E ORI > TOBEE X LN TN, i E T2
L DNA FAT7 TV =2 WA Z LI RN B 2D, £z, 25 WROT 74~ —FHI|D 4~
6 HEAMOEILITESHZ TLT 7 F~— DB EE Ko IZRESE(LL2W2D, TUF
LEl 25 WA O 4 A B X CHT T Y~ — ORISR E BRI E LN B2 LS.
Fo T, FRIL 7B SRED S B SN DN T, BT EBE ORI T2/ A= N E LN
LT 5. 370bh, FEEILIZES % [R50 DNA 774~ —FS ThHERETH. Zhiido
T, FUESHx SELEX {EIZRBIT LIV MEFRRRIS, 7 — A hOT 72~ —RHILET D20,
KIELS T — 5 O R CHEEFL S L\ WS DR T 752~ —ElF ThH LB FTREE 5 2 72

ZZT, FEBROD Pectl BEKIEIZIS T DBBIELS E A 2 5. Pectl LI L > Tk S 72 DNA
7= (BT — ) & ENDESNTR RS — o —IC Lo TSR ESND. 22T, 15
HNIZBHT —Z BT DT 74~ —DFLE S B CREEL Y% 25 HEEd 21 EELL E—3
THHLOLERR) IFLL FO4-1)BLU@E-2)X bt R 5.

No = (Pectl I3 542 DNA 43 F-%) x Zi‘:o%mi (4-1)

25

(B 1k 72 T2 S - DNA Bi5I%)
(FeFIpE (oSl DNA 25 F%%)

N = N, x _LPGGDlo

12
0 X [p(SGDle1Ka X exp(—kgt) X =X

(4-2)
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(4-1)T DWW TR 5 &, TPectl BELIZIEATSH DNA 73734 5 x 1012 3 F-LARGE LT
A, No=5x 102 x (1.1 x 108) / (1.1 x 10%) = 5000 L7257, HHIEED—>0 DNA FLHIIZ%S
LT, 5000 FEEHDOFLIALSZ Pectl BeEk(EANTHILITRD. 2T, BLELSYIZ[FSED DNA
3FThHETETHIELIZEY, £FHHD DNA 431%4% 5000 731 DiRITEAL TWDH &
2D, T2, (4-2) UTHWT, [Lp(SGD)]otE Lp(SGL) LD T 7~ —DFE G A RO IHDNT DVE
RPIREE, Ka X7 74~ — OBV TS, ke 137 7%~ —OfRBESOGE B EEL, t 13 Pectl 15
(CB DR ROG R AR L TG, (4-2) ROKTHIZOWT, 4505 2 FIE, Pectl ki)
DA T2 GUBHHIE IR 2 3610 5 SRR BE) TORIBL SR DI B4 2 LT D (PR
BOSIZE DR, 55 3 T, Pectl 7BEIZ351F 5 CZE & — R TO—KAFBER M LD FAIFLF 1L
DD EEHFZLTND, & 4 THIE, 43 H7—/L 60 uL ™55 12 uL @ DNA % PCR H#iiiE %7~
D, FARIBSIEL N A 35285 R LT,

ZD No WEDINTEALT B0 %E BFEL DT80, (4-2) DK/ TA =2 —%E L TOIINIZHEL
7= FPREEELOS R t IZ DWW T, Pectl I K DIMENFEBRS N COB D BRENDE T, T720b
By BRI CH DT, BEda 4 /3 FEIFREE (t = 240 sec) L7-. F7=, [Lp(SGL)]o (2 2WWTLA T DL
INTHAMb o7, £, Lp(SGL)Z MIAELEL T, Lp(SGL)D K [HFEIZ D\ CBAMSE i {5 L F (Ll
FCEH L (7.1 x 1070 m2) . ZOFKAEMEY, Krylov HOFFETRENTZ 80 Mo —A$HD
DNA 235 5 1fFH (3 x 101 m?) THI-7-fE%, —Hifdd7=0IZ DNA 23R RIIZHE &3 531
R (NS) DI R EE LT ((—#lEdH 720D NS 20 = 2.4 x 107 fif = (2.4 x 107) / (6.02 x 102%) mol/cell
= 3.9 x 107 mol/cell) [10]. KIZ, ZDMEMND, 77 Z~—NRERIIZHE ST DV AH(S) OEEHE
LTz, FATHFFED 70— ARAN) —IZL DT 74 ~—0D Ky JIE TIE, FEFRFRREE A E2T DL
B2 ONDEAERILT 2 5 DNA T4 7 F)—03 Lp(SGL)MIa LS & L= RF D 8 Ss# i (FITC)
135000 FEE ToHh-7228%, DNA 77X~ —OREFAJHE I LD H0O0FR IS 100 ~ 500 F2E Th-
7. X5 T, SIE NS @ 1/50 ~ 1/10 FRETHLHERFELHIENTES. LLEDOZEND, Pectl #k
(9% LP(SGL)IEEEAY 2 x 10° cells/mL D34, [NS]o = (2 x 10° cells/mL) x (3.9 x 1017
mol/cell) =8 x 109 M &£729), [S]o= (8 x 10° M) /50 (~(8 x 10° M) / 10) = (2 ~ 8) x 1010 M LHE
L7z, (4-2):ClE, [Lp(SGD)]o ZHFRIFE ST ANDIRELL TEZDHZLLEL, [LP(SGL)]o = 8 X
1010 M &R -7,

4-2) XD 5 HIZHOWT, (BFIPE TRt Sz DNA BRI [ (Bl E ot S iz
DNA 73 #0)= 1 ThHLREET DL, FiLd RELVEEEX HZET@A-2)RUEN = 4 L7025,
T720b, Kg = 200 nM, kg = 2 x 104 sT O EERET 7 %~ — CThiulE, JEEESIE 4 LA Eo%E
IECHIREE (7 73V —) EL TR END ML LTI, [DNA]o =50 uM  (No=3000), [Lp(SG1)]o =
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2 x 10° cells/mL 2358 E T& 5. Fiz, 2O TIEFFEFE G DNA (Kg = 2 uM, koff = 1.8 x 102
s THIRERICHEZ T 5L, N=3.1x 10°% 705, LLEORERNG, mitkae 7y 74~ —TIL, il
Bl 4 LA D7 7V —Z T 5708, FERFEA G DNA TiE, 7730 —2 B2, Lo
T, BB A IR e L5 5 2 L CTRESIN T —# R O 7 7 2~ — Bl AR T RE Tdh D EHER
SNz,

LLEXD, Pectl BEEIL, T2 4 AEIENS 25 ML L HIGAOAEINT 2 A DNA A7 71 —% H
vy, BLSIAEILT DNA 43 23[A1% 00 DNA 43+ ThH LU 5Z 828k~ T, 2fffH DNA
o3 FABRH~E N RTRETHY, Pectl 43 BELC JDMME - Sy B R KO- 7 7 2~ — A R 2 FE
FEAT DNA OIRAZRTBERTRETHD. S6IZ, 77— RIZIES<KES T — 2o T 74
~—ESN DI Z4THOZE T, HEkiED Cell-SELEX 1ETIZARATRE ThH -7, MR E A E
THEERI A — 7y NIRER T DmMRER T 7 4~ —% 1 IV R TOBKIZEY, Bk 7
I U R AN & VYt Yl

4.2.2 =05y BEE TR Pectl BEHVEO R

AHFFE T Pectl B H1EE i DEICATUELE L Cim Dy iR 9528 C, NGS fi#fric
9% ssSDNA BLFIDHE, FERES ssDNA FiFl, K OMERIEDRE A 10530 ssDNA DE|E 2/
72, BERIETRUVEE B A LT2 sSDNA Bl a5tk 352 LAl le. AR — o —1Z DR
BRMT 247542 sSDNA 43 38 X AW TOE A ((4-3) ), ORI — o —I12 KDL
FIFRHTIZ Z VG DNTZBL T — 2O T 7 4~ —7 7 — O KBRS EL N DT H K (4-
HR) 2L, O EEO S LRI R LT

_ i _ [ssDNA], _ E E _ -9
X = {TTidexp(—At,)} x (—[Sslm]o+Kd [NSlo — =) + 2} X exp(—kogrt) X (100 x 107°) x (6.02 X
10%3) x 2 x [Complex]; (4-3)

60 [Complex];+[Blocking DNA]

[Slo
Kgq+[Slo

N = N, X X [Ti{ (1 — ¥ + X X exp(—kort) } X exp(—kogit) X % X

(B T S NI sSDNA 53 T4)
(B EIJES A7 sSDNA 45 75K)

(4-4)

F9°, (4-3)UTON T, Lp(SGL)ZHERIE LT= DNA T 7 %~ —IZ B35 S THIFZE I X AHIF 58 5 Jii 24
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R o72728D, KRIGE (E.coli) f5 5 DNA 772~ — DI OV TO LI THFZE[1L], K}
PC-9 A DNA 77 4~ — DRI DOWT DA THFFE[12] 2 FEIZ, Kg=T7 UM, kotr = 1.8 x 1072
Is EE LTz, (4-4) 0Tl SR A5 A5 DNA 77 %~ —0DfEN 5, Kg = 100 nM, Koff =
2.0 x 10 /s L L7=. Pectl 4y BfERF D fR B RS RE I DWW T, iz, Pectl Sy oy BfERF i &
LT, t=64 =360 Fh&L7z. Fiz, (1-32)XDiz LB o ITERICE > TR, ZOFKEE, o
= 0.8 Tholz (ERFERITEHET) . 207, EOrRICIVELSEEOSIECONT,
w0 1% 6,000xg, KRR GOy B, ssDNA & Lp(SGL) 3 & 35 EM) % 15 43, w05y
Bl A 4 A ERE L. 6T, Lp(SGL)E ssDNA ZfEE, 4 im0 BEic ko8 E CE 2
RO BER SR, BT — VAU, Fo, w00 BEC R DR EIEIC L 5T NGS f#fTic
FoTHOLNDBEHN T —ZDIE NI OV THEET 57280, Lp(SGL)E ssDNA Zifi &4, 1 [HliE.i
STBEIC LDV CE DB S L To® ik — Vb HE L.

4.2.3 AHFFET RS

AHFFE T Legionella pneumophila (Serogroup 1) (Lp(SG1)) Z4£ AL, American Type Culture
Collection (ATCC) LW A L7z (WX %5 :33152) . Lp(SGL)H D1 (BCYE F&KEs1h) |3/
XA (RTh T 4% H) | N-(2-Acetamido)-2-aminoethanesulfonic acid (ACES) (/1
b5 TR, TEMER (SIGMA-ALDRICH #), /KER{b D A (8 L7 /L LAFOGHISEEY) , 8K
(BB 5T 2£%) , L-Cysteine HCI (Sigma-Aldrich #), Fe-pyrophosphate (Sigma-Aldrich #) %
L.

A (ER B AF V) T AL (Tris), HaAb T FID L, Hafb Uy b, Hafh~ 7 k0 LoKER
BTN L, KEEAETIVD LT, B L7 v SRR O D2 L. 7V (Gly) I3BR
b5 TEROME 99 %Ll EoWali ALz, KEEb~7 37 ATHFALRB OB OE L
To. ELEERE AL, AL T 2E RO Sy A e il LR RE (WIEE 99.999999999% ) Z-A I L 7=
RYTF L AFH AR 600,000 (PEO 600,000) i, SIGMA-ALDRICH Db D& L. AUk
IXE L7 VAR OME 99.5 %OLOEHEH L. =FL P70 oA KA
PNIFEMEE R 99.5% UL Db D% W . NIN-AF LU B A (77U TIR) (350l 5l
D 99.0%DESIKEHDEDZE . 77U 7 IRITH AL (Tokyo, Japan) BOMEE 99%
LLEDObDE .

DNA (X 65-mer ®F % L ssDNA T4 77V —, ZLFLtA L (FAMMERZ 4T —R 7T A4~
—BLOEAF MEA) N— 2T T A~ —IZ, Integrated DNA Technologies £t (Coralville, USA) 7>
Bl ALTC. Tabled-1 |2, 7% L ssDNA 7147 TV —, FAM Efi7 4+ U — R 7T (~—, ©4F
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BN =27 T A~ — D RS R,

Table 4-1 AMF5E Tl L7 DNA B5!

DNA D4 |ii YR FEBCS
% 1 ssDNA 5-AAGCCTGTATACGCGAATCGNNNNNNNNNNNNNNNNNNNNNN-
FAT TV — NNNTTACGGTCACGGTCAAGTTC-3’

FAM &fifi7+V—FK
5’-[FAM]-AAGCCTGTATACGCGAATCG-3’
I ~—

e T ALY N — A

5’-[Bio]-GAACTTGACCGTGACCGTAA-3’
TIA~—

PCR H4fiE(Z1%, PCR F## vk (Ex Tag® DNA polymerase kit 33T PrimeSTAR® Max DNA
polymerase kit) Z TaKaRa Bio 7Ol AL7-. PCR THiEX17- dsDNA OF5HlL dsDNA 75
sSDNA ~D—AEH{kIZ1%, PCR 1~ (Qiagen, Tokyo, Japan) & VERITAS Dynabeads MyOne
Streptavidin C1 magnetic bead kit Z-f# F L7=. Pectl 5%#R#%(Z Next Generation Sequencer (NGS) T
BoB & fi#AT L7= FAM 1Z3% DNA 7 7%~ —I% Eurofins Genomics 7> ALT-. IEIRITT T
Milli-Q /K E72ITIRE L7 D Milli-Q K THHRIL 7.

4.2.4 Pectl B|HIEIZED Lp(SGL)FE AT DNA 77 4~ — Btk Dt il

Lp(SG1)I%, BCYE #E R T L7z, B L7= 7L —R e 37°CT 4 H KGR L%, an
=—%IHEL, 1 mL O 7L 3y 77— (SB;50-mM Tris, 13.5-mM HCI, 1.0-mM NaCl, 1.0-mM
KCI, 1.0-mM MgCl, and 0.0125% PEO600,000, pH = 8.6) |- Fi A L7-. ZORBIEN D, Yo7
Ny 7 % IV TRl R 22 10 f5 9" D BEREA BRI 7= 20 Bl A L L7

sSDNA 747 7V —1%, fEHRANZ 95°CT 5 37 =—V 7 LIz, 4 °C TR L. ok
5 uM @ ssDNA T4 7 FV—% Lp(SGL) D/ Bk LIR A LT, IRIZ, Lp(SGL) DK il ZIEFF A
fA15 DNA 777~ —%HEd 572012, 100 pM D717 DNA (PCR HAE ClIH R S
U720 DNA BB 20Nz, 60 43 fi A Fa~X—kL7z.

CE #{& Tl LB U ¥+ 7 —IX 7% 0.5-M NaOH, Milli-Q, ¥k#)/ 3> 77— (MB;
50-mM Tris, 300-mM Glycine, 1.0-mM NaOH, 1.0-mM KOH, 1.0-mM Mg(OH)., 0.0125%
PE0600,000, pH=8.7) CIE gL, 18 AR BT (20 KV) ZFIINL THYBEL7=. Pectl Difi{& /7
FIOEAE, FHUNSEEEE, S+ 27V —IREX, T2 100 nL, 25 KV, 15°CEELT. f
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4 sSDNA Z& e Lp(SGL) DY —271%, T =7 /L UV BEHi 2 CE v AT 2% W= H TS
EL72[11]. EEHRERHE (BT O — 2 ORith 30 B) 13k O (4-5) TR L7-.

totar = (L1 —Legr)ts — (Lt —Lefr1 )tz (4-5)

Leff1 — Leffz

ZIT, taw, b, R 1, ERENHNETDIKEIE — 7 OETIRR, 5 1 BIHEE, KOS 2 R
TORHFEEZ, LT 13 CE B CHEMALZFYETI—2E, Len 13X vETV— A ODDE
HERETOANEE, Lem ITFFETV—ANDLE RIS ETOFIELRL TS,

Pectl 8%, PCR I35 M IV T PCR HE 247572, PCR DS, 95°CT 3 43 FlNER
#%, (95°CT 30 #, 53°CT 30 B, 74°CT 10 #) x25 H( 2/, ZL T 74°CT 10 3 M D Fcé i
ATy T aFE LT, PCR -y M W TAMMZEILL, #il » T PAGE T Lp(SGL)ITHE AL
7= ssDNA DIElEZ ffEg8 L7-. PCR AR IR HLL7- dsDNA 1X, AR 7R E VUK E — A%
M VT ssDNA [ #ALT=.

B SIA7Z DNA 7 —/LH D DNA BB DO P E TlX, Pectl EL 7T a THELILIZ DNA 77
L—hd 12 L OERE, RAEDT T A~—% VT PCR HElEL7-. HEIEI417- DNA 1L, 73—
I—REIRE S — VAT T — BRI CT X 72— LA T TSI b D& L.

425 NGS 7 —#25 Lp(SGL)#E 4% DNA 77 4~ —ElH| O i

DNA Bl5IfET#, Lp(SGL)EME G LD T 74~ — Al sl &t L7z, 23~27 DT 4
LI EEDESNT —ZIZDONWT, 5L 3DT T~ —FEE NI L, FASTA 77 AV AR
—hkL7-1%, Cluster Database at High Identity with Tolerance (CD-HIT) 7’122 Z 2% V=7 T A XY
7 (CL) fhir L, ¥JE %3 (Deep Learning; DL) gt & S it L 7=.

CL fi##TClX, Jeil L7z CO-HIT 7'us' 7 2% F =i & £l L7=. CD-HIT 134 BRaiIfE o
—EENEWSOERVRE, WRKRT —2OWMNEEGHIZT DD T 0T TN ThHH[13]73,
— RO EWESNOES RO IHATRETHS. CD-HIT-EST 7’1l 7 A (O R FI D CL
FRNTIZ I LS T= 7 s T L) B N T AL — (7730 — ) BRB DT VY X LEFEN T 5H[13].
9, NGS it CHASNELSNT — 20 HT7 0 F ARGy & LT- FASTA 77 A /LA Ak
fics AJIL, BEFI DB WIEIZHES S 2 (RICH R OBLANIE FASTA 77 A /LR O N HET 2) .
WIZ, SRS Z BB E L THFEL, IROELFILLE (S RELA) 28805 & ik L CRlBLA I &
D—BRE BT 5. WA —EE D TORE L BIELYKREWBESINFET 2561, £

83



BAE VAT YL RBIKEICEA LU R IHEESE DNA 77 ¥ v — DR

DHEIN D EFZT DI TAL— (77 —) D FHIEL TS RESZ 53 HEL, RO T T A A
MITTOZR. BEELL EE2RDBIELSN S RO BIR WAL, /a7 7V —2 R HHALS
L%, FAIE—BeROBMEA -7 7 —DEBAFTE T 55 81E, AN A2 o777
— | ASND. ZOBMEEARDIRL I T HIET, BAIM BN TORELTEIELL o~
7= ELNA[14].

F7z, CD-HIT-EST 70l I L TlL, 7 a— ST T A Nea—T)VT A A RO 2 FEEED
PRI CEITTHIENTEB[LA]. Za—r ST T2 A NIE B O He 4> C o bl
RRELT-FNTHSD. 70— VT T AT, BESIESRESNZIBW T, 20l
SR DO —F e A —E, M OHERESNOFEMEOFE TR TILL, 2AaT OEF PR RELD
JolzFE isnA. BLAIH— BRI RES O RE RO LHES & — B LR ROFIS TEHEAE
IND. —HTaR—=ANT I ANTIITH DO RS DS, n B AT
ZETTIA A NEFE T DA THD. 37006, RESIFO n HEIFESIE S O —BHE GV
EIREECTESD. ZAaT b X a— ST I AR CTh A,

DL fi##71%, CD-HIT-EST 1245 CL fi## Tlik, 7TV X LI LT-ELS 0 — Bk a2 5T
TA VAN FR L TNDIZ OB FIRE/ R E T — 7 0D HEH %, Jeik Uiz CL fEHTCortaL 7
TV —NIFET HEB X ONDREERED @\ T 74~ —Ey| 285G T 522 Hr&LT-. CL
AT CHFEL T2 7 7 — B S NICAFTE T2 2R S O i 2 FZ5E L, 77U —NTRAEED LY
VRS A R LTz, DL gt CH &7 — 213, pO il (b5 NGS 7 —ZIZ&E £4L72\ W Bl
EOVHSNDRERDH R EERY, B 5 KinSE7-06) Z2E %L, 20 pO b4 AL 5%
L7

4.2.6 Lp(SGLHEAT DNA 77 4~ —fAliBl 41 DOfE A RERTAM

DNA FEFIOFERIELHIEE (7730 —) DOIBA T T 74~ —5dfi%, S RE 7 VAL A TE
fifiL7=tb D%, CE-LIF Z WA A7 v eAIctLiz. Lp(SGL)ZIREL, T Ny 77 —HT
DNA(0-50,000 nM)& 1 IfE]A 2 = —hL 7. 1 B§fE#%, CE-LIF (2L T Lp(SG1)-DNA 774
~—HEAEROE =2 EELTZ. 2D, Lp(SG1)-DNA 77 4~—Ea ko —7 migaR L,
DNA 77 4~—JRELOBRZEHL, LT O @-4)RUc I > R RIAVERL, MR- e 2K
(Ko) ZHH LT,

__ AmaxX[DNA]

A-A4p= Kq+[DNA] (4-7)

84



BAE VAT YL RBIKEICEA LU R IHEESE DNA 77 ¥ v — DR

ZZT, A IX DNA-Lp(SGL)EARDE —V [HFE, AolE Lp(SGL)DE —7 [Hif, Amax ITE —7 HIfH
DK, [DNA]IZ DNA 772~ —RE[NM] TH .

iz, CEVKBNTUIIMBE & 528 7C Lp(SGL)-DNA 77 2~ — S RO Yk Bk )
L, 46—/ BRI RO B AL, DT O@-5)RU L THEBIAA L, ARG
SRR (kott) R LT 7235, Lp(SGL)ET 7 2~ — Dt & SIS AT R Je L A o — R R
THDHLUELTZ[11].

At == Atoe_k()fft (4'8)

ZIT, AdIE—Z IR = t 1238155 DNA-Lp(SGLEAIAD Y — 7 [HiFE, Ap 1T — 7k HiEE
] =0123817% DNA-Lp(SGLEA KDY — 7 [Hif, t 1L DNA-Lp(SGL)HE A KDY — 7 i i FEH]
[min], e IZRAETEHTHS.

4.2.7 FEBRIEE

AIIZAE A LIz DNA 77 %~ —% B - 18k 32572 Beckman Coulter P/ACE MDQ CE-
UV B 27 0%, UVIVis i H#s (MAYA2000; Ocean Optics, FL, USA) 2335 T&5kocik
EWLUTHAL, AODDORHEBETOFYETY— Iy MR EERE L (BB —RHEE; A
Ly NEdin D UVIVis SR ETOH R (Lem) = 40.5 cm, 55 MR ALy Mekins CE
ERUKENEEE IZHOMHHERETOENE (L) =52.3cm), 225 (Lyow) 62.5cm, AL 100 um O
72— AR XX ETY—1X, GL A= A4 DiE A LT, i8S 72 DNA 7 — L Z23Eil 5
57O Pectl-LIF # HHITIE, Ar A4 L —H — (hex = 488 nm; 3 mW) & JHU 7oL —HF —Fkd it
e (LIF) =’ 2 72510 PIACE MDQ CE A7 2% H =, PCR OHANEIZIX, Wako
WK-0232 Y —~ /L4125 —% IV iz, AE-6200 RUT 77UV 7 IR LELIKE) (PAGE) T AT 1
A LT, HOCBAMEEHE I, AV 2 FV1000D e 5L — — A RIBAMEE R at, HA)
ZWT, PR ——|22 473nm DO fihikd TT572. NGS fi##T1% MiSeq (Illumina, Inc.USA)
25 L MiSeq Reagent Kit v3 (600-cycle) (Illumina, Inc. USA)Z{# I L7=. DNA 77 4~—® — Ik
JEREE X Mfold % Fl O CRERT L 72[15].
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43 FEREBLR
4.3.1 Pectl BHIEIZLD Lp(SGLFE AT T 7 4~ — Dk

Lp(SGL)ffifatZo 4 1M L7z ssSDNA F47 71U — (Table 4-1 2/ DIRAMIZDOWT Pectl 3
PeaFEfi L7 (Figure 4-1) . AFEBRLY, Ny 77 —&5rBELT-RE R, ERIZFEN (EOF) LSO
— I EIT, Ny 77— ORI LS T CE IR DUKENTIZE B L eh 7. F7-, ssDNA
T 18 45T ssDNA HI kDY —273, Lp(SG1) Tl 8 43T Lp(SGL)Hi sk DR 22— 2 3k
&4, sSDNA & Lp(SGL)DIEA IR TIXZ DM 7 At i Sz,

ZITC, AR TR T DHEERDO—DTHY, hOfEkiED Cell-SELEX BT7 L RE#0iK
SRR BWE R THDIERE ST DNA O3 ZIx—a OFBIZ O TE 5. Pectl
1 CIRAE- T BEL 72 MI-DNA 77 2~ — A& RE — 7 BLOFERE G DNA OB G BHIIEN
Z 260,000 LN 20,000 THY, SBEEI 16 - 28 THLIENHALNE RS> TS, RHFFET
1%, 6 x 10 43 7-0 ssDNA % Pectl JEICHEL TWBZEMD, FEREAT DNA B —2 % R &
REL, ZDEMERAEER o &5, 100 UL EBENZUKENMALE L2, DNA 33— FHAA7E
LN Eic7ed. —J7, X ETHD Lp(SGL)H kD —71%, JEREAT DNA B —270b
300 7T BEN AL B VKBNS IV- DR CE Tz, LIzA3oC, Lp(SGL)H k" — 2 %5 o X ]
TSRSy ET A 2L, ssDNA Library B — 225D FEFES T ssDNA ZL<IRASEHZEAK,
MG B35 sSDNA 7210 2RI 52 LA ATRETH D, UL EDOHEN D, kLD Cell-SELEX
LEEITHER0, FEREGT ssDNA Lffifa-ssDNA A 1K % & B2 0B rIRE ChoTzsd, 772 1 77
YR TOMBIEGTT 74~ —ZBE R Th L. WE-TC, 72T Ve CE-UV A7 2% H
W, 60 B[R TE £415 DNA a1k a2 &t Lp(SGL)E— 2 D IEMER 5y Bl S L7=.

Pectl BeHit%, 57 HUL7Z Lp(SGL)E —ZIZAF1ET % ssDNA (&4, 7" — /1) % PCR THilREL, fitl >
T PAGE THHL7= (Figure 4-2). F7=, 3747 a2 ha— L (Lp(SGL)Z M3 IR L 7=
DNA T4 7 V=Y 7 IVER ik AEN -Pectl 0 BEL7-% IO RE O 5y) (213, 65mer O
SSDNA N E FN TN EEMER L. DI, RSN — L, 2D, Pectl-LIF A7
LIZEDHTORTIC Lp(SGL) LR & STz (Figure 4-3) . TDOFER, BT —VICEENDIFES
DNA PR BlgZSn, Sl e —r3 sz, £z, Lp(SGL) D= hr— L (FAM
ik 7 o4 MK ssDNA) T, Lp(SG1)-FAM #5ik ssSDNA #HEIKIZH KT 5 v — 77— 77
BHHNIRNZENHERSNIZ. ZDXIIZ, Lp(SGL) DR EITHE A L= sSDNA Z#EIRAJIZ T —/LL
THHIENTE.
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0.08
=)
<
g 0.06 4
< 1 | ssDNA & Lp(SG1) AL
AN J
50.04- . l  Lp(se)
- 2
® i
2 ) SSsDNA A
5 0.02 - i
(7))
0
< Buffer
0.00 4
0 5 10 15 20
Time [min]

Figure 4-1 HRI)72 Pectl 12573 77—, ssDNA Library, Lp(SG1), Lp(SG1)& ssDNA (AR
WROESIKEN]. Lp(SG1) = 1.9 x 10° cfu/mL, ssDNA Library =5 uM, 73 A% =100 nL, FIINE
J£ =25kV
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100 bp

H PCR Random Pectl 4cent lcent
NC ssSDNA NC

-

Figure 4-2 Pectl %k~ —/L (1cent, 4cent), Pectl E&HEKFDO AT 172 ~a—/ L (Pectl NC),
Random ssDNA, PCR #4717 2> hr—/L (PCR NC) ® PAGE [#i{§

5
>
L
o,
247
» 4cent |
c
RPN
£
© 3-
c
g | 1cent L
N e e e e e e e e e e
Q
O 24 .
= Random ssDNA Library
L
1 I v 1 v I v I v 1 v
0 3 6 9 12 15
Time [min]

Figure 4-3 FAM {&fifii7> % & ssDNA A7 F7V—, KON Lp(SGL)#E G % DK i&E 7 — /L DER
TREN. SRR Lp(SGL) 72L, FEHE Lp(SG1) HY; Lp(SG1) = 1.9x10° cfu/mL, ssDNA = 100
nM, JEA&E =100 nL, HINELE =25 kV
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4.3.2 CL fi##r& DL f##HTIZE% DNA 77 4~ — BB 5 D E

1cent, 4cent, IR T 7 A ha— L (T2 L DNA TATF)—) D47 — L% NGS (2L~ ThL
FIPeE LTz, Bld o) —REix, =2 252,190, 16,177, 394,888 Th-7-. CD-HIT Y77 =
T a2 A_STIARGHT FA A MNCEY, 77— GEENED @O ELS) 2 AL TS ELS]
DL, KO DL FENTIZRDREEOTC, 77 —NIAFET DL bR B ReD LV @\ T 74
~—BHNE ST 57212, dcent DRI T — LT HOWTEFS D7 73V — K45 Ll A1TV,
77— DHRTHEATEN I EOESEZHIBIL, 232 _XTUAXHET TA 2 A N Tl AT fE
BT —THFHMNLTZ. ZOXTIARGIET T A NZED CL fiffire DL gt afilar &t
T Lp(SGL)fE A7 DNA 77 4~ —Hilsl| % [F & L7 (Figure 4-4, Table 4-2). ¥7-, AAF5E TRk
STz DNA 774~ —{GAfBeS D — R e I2 >\ C Figure 4-5 12773, Figure 4-4(A) « (B)
£, 77V —HERBLAIEL (Nobs) =6 DELHIFEIL DL 128~ T Leent D&Y7 — L O N HHE
FIErEATZ. — 5T, Novs = 4 O—EOEHIFEIL DL IZX5T deent DL — /L O A S HE
HIWrs iz, 7z, Figure 4-4(D) « (E) XY, Nobs =6 DELFIEE, Nops =4 O—FEDOELFIFEDS dcent D
BT — VOB HHEHWSIZ. 2SO 7 7IV—D 1 Lp(SGL)EfEE 15 DNA 774
~—DFETHEBZ, ZTNHDT7 7 —ORESIZHHL T DNA 774~ —GEMllsIE L.
F72, Nobs = 4~6 D77V —|E ssDNA TA 7 FV —DH A TlIeW LB SiL7=729, ssDNA 7
A7 TV —HKOED TIF RN ENRBRIIT.
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5 : 5 : 5 .
(A) (B) ©)
4 4 4|
. ]
53 g3 23 0
E: 2 o
22 ' = 22 =2 1
' }
1 s . : 1 1
; ; | I
' R .
0 | P | — 0 0 |
0.0 2.5 5.0 7.5 10.0 0.0 2.5 5. 0 7.5 10.0 0.0 2.5 5.0 7.5 10.0
Nobs. 4cent ob lcent obs Lib
5 | 5 1 5 ‘ 1
(D) (E) (F)
4 4 41
. ]
£3 g3 23|
§ & S
o H @]
a? ! * a2 . 23 ]
l I
1 M 1 1
| |
0 i 0 . ia I
0.0 2.5 5.0 7.5 10.0 0.0 2.5 5. l‘J 7.5 10.0 0.0 2.5 5.0 7.5 10.0
Nubs.dr.ent Ubb lcent Nobs.Lib

Figure 4-4 Lp(SGL)#% & sSSDNA DT IARGHET TA A M CLIZ L AfFEHTE DL AIZEDHEH S
FOFARAIX, fEshi L DL T IC KD S E SV T — L x S5 BSOS (pOy) |
R4 7 7 — Z A AT DECSIEL (Nobs) TdD, (A)-(C): 7TA 2 A MiIlR: 20 Hadk, —Fok
96% (6 HLFHDEWETHFLE) . (D)-(F): 7 I A A MR : 2724 AEIK, —EUE 84% (4 D
EWETHEA) . (A) (D): fitdhic 4cent 12=4EK 7 — VI SN DHER (pOuscent) , (B)(E) : Ll
lcent 87— AT FESNDRETR (pO1cent) , (C)(F): MEdHIZ SSDNA TA 7 FV—Z /SN DT

2 (pOLib).
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Table 4-2 AWFZE Tk S 7= DNA 77 %~ —{EAfilc A

T H— 4R 77— NGS (k% pOx “F- 4
HRACLA L KA MK POacent POxcent POLib

Lpl 11 0.080 0.84 0.0015

Lp2 17 1.37 0.083 0.00042
Lp3 7 0.39 0.46 0.0013
Lp4 19 1.60 0.038 0.000095
Lp5 17 1.38 0.018 0.0023

Lp6 8 0.50 0.30 0.00060

A A A B~ 00 O O

Lp7 6 0.056 0.91 0.0012

;" “cI: 566G &R ¢ %
N G-C-G c._G’“ T [ A-Top
E o= 1 I e
G EY A G-T-A=Tep & d
{ S
" bl S o« ' <\<’<<’c ¢
& &—G o
o AL G.G\q G- o e
a SR o # Y
& G w ¥ A i
L K T, A o 4 &-T
7 % O % ; 4R
¢ G L\‘i'JI’%b/G o6, £ b /
é G . G A & T A
1 ol G I 3
& G & . 5, A «
& 3 c S
Hy A | i A, AT B
A T T s L ol -4
A . 4 A o » ((C\G
d = &
C. Y b A Tog e o ™ S
T.. A5G R & o B A
T -G b T B & G\ /c_c\,
~A—p—C—T )\ A A =T § ) o ;
" o7 — et St —
" g i — - -
T 13
T, i (',
¥ B \
o t-d
a1 g o0
A1 c-6 o i
1-4 Foh 4 B
4k &N 'y
[ Kot & B gt
p-Gfi ' A
A=k T £ © . A
L [y £
s %, L L
7 A, oA &
b o ' oty Pt & P
; \ on G Ve R
S 4 g % Tt
- 1 v . .
1 d [ ¥ }
e & i b i N
2 [ d b / vy
A M ",. G & A
T f 1 1 \
d it ] b )
v » &
b T &, e
e & o G €
Cop g y g /c.f_ G—gy .
4. T ‘

Lp5S Lp6 Lp7

Figure 4-5 Mfold (ZX > CIRESH7z Lpl-Lp7 & Ik ehEiE
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4.3.3 DNA 77 Z~—fEAiBd | ok G R RS o0 R E

432 DFEFRIY, %77 —% B UT-EANOBBLS (77 2~ —EHELS) 2 7 SfliH, KON
SATHRFE[16] CI&IKENTZT 7 Z~—BNZHOWTHEA B A F2 L, fRBEE S (Ko) 25 HL-
(Figure 4-6, Table 4-3). 4 [0] Pectl BEIE TSN T 7 ¥~ —EAfiElS D> 5, Lpl, Lp2,
Lp4, Lp7 13E1TH5ED 7 7 %~ —Fl81 (R10CL) LOHIRW Ky 7R LT, 2728, ARAF5E Tiggik
ST T E~—FEAECA DD, W00 Lp(SGINT 6 L CHeATHZE Ttk &= DNA 77
=YL EWEEGRE DA /R LT-. F72, Table 4-2 LLbfi4-5&, Lpl, Lp7 1& lcent D4k~ —
N OECFIFE IO E AW SILT-BE Y THY, Lp2, Lpd 1% dcent DEEH 7 — L OECHIEEIZIUT
WEHTSTZBLA ChoTo. 2072, FATHFRLDBIR Y Ky BRI Z7 75~ —&, Pectl
4y BIERTTIC S L 73 0o 4 BE D [RIERI X BEE A LS Lo 7.

F7z, Pectl BENEIZHITHME-DNA EAEIERD DNA FA47 TV =0 b0 E2 5 B, H
BEE I TELS LIRS T, EEEIIKEISH TV, f5A LstlT72 DNA 721545
W55 ETHS. foT, KRBV TITHREEL TUED I 7288 SN &b B L7 AR Bt 3ok B 0D 3L
DNA Z5ERITFRWIRAE TORIL TE5. £z, kBRI ZIMBIE NS> TlFE 524 T,
fRBEEE O DNA OBREROFIEN AR5, 22T, AR TSN T 74~ —
ERIBLS DD, FebIRWY Ky 23R H S 7241 (Lpl, Kg=568+330 nM), Kq 73 R10C1 KB KL
BB D HClcb E ) K 235 S-S (Lpd, Kg = 159241150 nM), fieh il Kg S B H &7
B s (Lp5, Kg = 877916187 nM), JEATHFZE T/rndii/z R10CL (Kg = 363211491 nM), K UNT 4
2 ssDNA Library (Kg = 16175215068 nM) {22\ CHEBE R iOE EE (kg) DFFA A1 TV, Pectl 1384k
EDMRBEEEEDFEV DNA 77 4~ — 8L L 7201550 % gk L= (Figure 4-7, Table 4-3). A&
WFFET#IE LT DNA 772~ — MBS NI T JEA T8 IS Tz DNA 778~ =0T 4
DNA Library XDHAEU Kg, ka, Tl i THHT2. /- T, AL TERK LT DNA 774~ —[%
Lp(SGIZHR L THEWT 74 =T 4 —%H T 5 (Kq, ke DIIATHIZE CELSNTZT 72~ —Bl 15D
H/INSV)DNA 77 H~— PR TEZ. —fkAY72 Cell-SELEX 15T, M6 72fld D2 <03
FEREAMEDESTHHZELZ<HDHN, Pectl Bk TITEWEY T DNA 774~ —% i
WCEDHZEERL TS, ZHUT, Pectl BEIEIZEY, BT 2ME-DNA 774~ — B &K%
DNA Library 7oe I BESN IR R THDHEB 25, £, Pectl HIKIEIZBITHEAIRE
DNA 7477V —D5 %, B BVER P Cre s BiaATHIE MR ThY, VB AR E O
U DNA ZBRECEIZZ LN RB I,

92



BaE

VUINTG T RBIREIC LB L VFRSHERBATE DNA 7 7%~ —DEHR

10000 30000
Lpl Lp2
8000 1 %} 24000 * ; N
o] % L
O 6000+ 18000 1
] ]
X ‘/ ".
T 4000 12000 P
. A4 A
2000 4 6000 - o ]
< .
10 100 1000 10000 100000 10 100 1000 10000 100000
15000 75000
Lp3 Lp4
60000
@ 10000 ; l )
o 45000 1
S #
I 30000
$ 50004 A
‘} 15000
. e
- o
1 100 1000 10000 100000 10 100 1000 10000 100000
50000 25000
Lp5 Lp6
40000 20000 < [y
o i {
O 300004 P 15000 4
I
X K
S 200001 . 10000 - }
o e
10000 5000 4
g
¥ L
Odpecceccmn” e —
10 100 1000 10000 100000 10 100 1000 10000 100000
16000 40000
Lp7 R10C1
12000 1 l """"""" 30000 l}
© -
) B P
= . .
T 8000- } 20000 4 {
S ;
a t
4000+ A 10000 )
,l"i- ,a""
0-7-" T T T T 0m===--= .- ’
10 100 1000 10000 100000 10 100 1000 10000 100000
12000 20000
R10C5 ; ssDNA Library
‘,.i - 15000 } .
© 8000 ’
o
©
« y 10000 - 4
o J
& 4000+ ¥
5000 -
L
L ey E P
10 100 1000 10000 100000 100 1000 10000 100000

DNA Concentration [nM]

DNA Concentration [nM]

Figure 4-6 AMFETEfLL7- DNA 77 %~ —, FATHIE Ci# kS i72 DNA 77 % ~—  BXW
T4 I DNA T4 75— Lp(SGL)E A RD A i
93



AT VUINTT L RBKECL AL UARTHMERESTE DNA 77 % v —D¥ER
50000 7000
| Lpl Lp4
40000 - 6000+
©
o
© -
30000+ 5000
o
8 M
200001 4000
3000 T T T T T T T T
10000 . .
0 3 A p 0 2 4 6 8 10
5000 3000
Lp5 R10C1
4000 2500 -
©
o
< 3000 ~ 2000
3
o
2000 15001
1000 T T T T T ! 1000 T T T T T T T T
0 2 4 8 0 2 4 6 8 10
4000 - -
ssDNA Library Time [min]
3000-
©
o
Z 2000
©
[0)]
o
10004
0 L) T T

o 2 4 6 8 10
Time [min]

Figure 4-7 ARMFFETEIELTZ DNA 77 ¥~ —, JeATHFSE TSI DNA 774 ~—, T X
2 DNA 477V —& Lp(SGL)HE AR — 7 OB BN 2 LIZ LA — Vg D 2L

94
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Table 4-3 AMFFETHHLZ DNA 77 %~ —& Lp(SGLYE B Bl V- i K, fAfE S he ik
TEEL, IR

TR U NEIROE RS Kqg [nmol L] kg [x10* sec.”!]

AR

Lpl CCCAGGGCGCGCGGGGGGGGGGGGG 568+330 3.6+4.5

Lp2 GGGCCTAGGCGGACGGGGGGGGGGG 8224648

Lp3 ACGGCTCGGGCGGGGGGGGGGGGAGG 407611840

Lp4 CCCGCTAACTCGTAGAGAAGACCGA 159241150 1.8+1.9

Lp5 AGGTAGTAATGATCTCCGTAATTTG 8779+6187 6.1+10.4

Lp6 CTTTCAGCGAACGTCGGGGGGGGGG 3868+1819

Lp7 GGGGCCGGGGGGGCGGGGGGGGGG 7354560

R10C1 CCACCCCACGCTGCTCC 3632+1491 7.8+2.3

R10C5 GGACAGTGCTGAAAACTGTGACCCCC 7040+1982

Randomized (More than)
NNNNNNNNNNNNNNNNNNNNNNNNN 50.1+6.9

library 16175+15068
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4.4 fEdm

ARWFFEILHH D Lp(SGLFES DNA 77 H~—|Z2OW\TC, Pectl & HRIEIZED I NTT R
Bk, FUESN B T D0 TRV ke T 41— T T — =0 7% W T E BRI Z 3 -5<
RIFENGS ENTIZ L > CRIETHIENTETZ, ZOT T ¥~ —RF AT A, MEE kO
TATKL T, BHRERT T 7 V7 CE 3%z 1 BITE T 32560 THD. 1EKD Cell-
SELEX Tlidii 10~20 7V RaFEi 2508, 1 7V KRBV T 74~ —i@k3 i e 7 ut
ATHY, 58 TIEDLETICRWRA T 5. £/, Cell-SELEX TiE, DTV R TER T
LHe, BAOHEENRKREAROEVOMED DS, EDT72D, TV NWTIT R TiRkTEs7m
TAREEINTCND. — T, RBFFECTIEMLIE P, Cell-SELEX LixxtfRAIC, BT
TR B T L, flE @) CE rBEEE AW CHOEER SN BL Y R E & DT
7Y —E MR CE T, MBS DNA ORGIRIE, MBS HU7 M AR08 A 72 1 7 e )~
B ESNIFE S # A CE R fE CoHBECcEs720, 20 Pectl 8L TIE, HA5OHMI
R L COIRBIRIRT 7 X~ — % GHZENTELFETHD. ZORKE VAT L THERT
&72 DNA 7752~ —0DRHIE, FATHEICEITD, EKROD Cell-SELEX TS/ DNA 7
H~— LU TIRY Ko, ke 2555 TR, SPHGRHY, FOSEEGRAYIC Lp(SGL)E @\ G hE%
Ffolz DNA 774~ —%M5C&I-. 370bb, AT TSN DNA 77 7~—J0b
Lp(SCL LR RIITHE B L, KELIEEERZ T o7 74~ —ThoHEZALIL, Tex PELR
ELTWD LAY —DBHZITE LT DNA T 7' 7~ — 2@ CEI2 LB 2 B0, A R IXERIT
Lizdole, Ky 7o~ —aHWio (4o —%2B5 L, EEEOBREHRIHFET S Lp(SGL)D
RRHIASFTREINEDDMRFTT5. E72, ARWFSETERA LT Pectl S HRIEITMIE O 47257, KR T
BHIVTE M TE, ZINETIZ HL-60 OB ] TE723, Mg LG /NSRRI
RLTeHBT72. 2072, Ml LB ML LS ORI L Ch il a9, B
RIS A TS NI (22— 1) R A N AE R R T 5.
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BLE KB

BESE RIE

5.1 AR THRLILZHR

ARBFTRITHETH FRICE RRAKA~DT 7B AZ WIS T 570, BRAA L LEEZTEEL
T=f8 5 PTIEOBSR L FEMbE B ELTERLZ. 20 B BT, ATk o EAEE,
J OSHER O 5 oo WriBa BRI Uiz, Ko EARIT As() &Y As(V)EAER) L LIl 5 i ik
ZPAFE LTz, Fo, KD Lp(SGL)AAERIE LI 5 HATIED BT 2T, Lp(SGL)#5 &7 DNA
T E~—H B L.

18 55 As(N) D HTIEIE As() EfEA95 DNA 77 %~ —TArs-3 1 2 L, AuNPs Z kL L7
ka2 BIR U, SR a et B b 7o I TR B A YRR L7 A R, IR ST 2.1 uM
Llpote. F2, R KIS As(INZ BRI BR M T KIS L CRFEZEHALIZEZA, I’
MUY 7 d As(NIEE LSz As(IDEE SR —& L7z, £, o7 dic
As(V)3IEAFL TV A CTh, AKffi 5 As() 3 HTIEICE ST AS(V)D B AT HZ 87,
As(INIREAE R TET. 2072, RFETH IR O As(I)OREH, 35O E &I ATHE
THDHIENRBSNIZ. FTz, 2019 FIZHE ST Zong HOFRLEZ BT, Fx X LR
As(IINHTIEICRT S, 7 a—T IR LTz Ars-3, J2 TN Ars-3 LIS Ol ssDNA Fid 512
AT, AuNPs R IEIZH1TD Ars-3 & As(I)DFE AAEAZ~T2. DR, Ars-3 1 As(INIZ
BB TRE AT HZLITTE ) o7, EBIT, AuNPs 2 _X—AEL7-M 5 As(HN/oMriklE Ars-3
72T, o> ssDNA Bidl|z H W TH As(HNIREZE & TE, As(H)RH AT =X L% Ars-3
Tl372< AUNPs 3 EE L CTHH T EAVRIBI LT,

85 As(V)#TiklL, DNA <° As(V)ZW 745795 CeO,NPs %32 L7z, d R & ff DNA %
AW FEEBFE U, S50 2R Bl b L2 % ISR B MR LTS R, AR HH BRI
0.44 UM L7257, RFIETRELI-H T KF O As(V)IREE X HPLC-ICP-MS Tl iE #it 5 L A3
U=, Fio, 56 2 ECTHRBLZMS As(INHTESAEHELZET, FEEAA I
FOHEEZITHIERS, AsINEREE, As(V)iREZZNZIULFRMICHNE TE. 5781, 15
iR 752 /NS, CeONP ~D FAM {Effi DNA & As(V)DWR 7 « i 45 % 22 E S DML ENHDHE
B2 oD, KFEFBIG TOSITIISHTED As(V) o — DRI D723 AT REME DBV,
5 As(I) I HTESHAGDOELHZET, BEKFD As IZOWTIEFIZFHI TEDLEE 2B
.

Lp(SGL)fEST DNA 77 4#~—DBA3IE, & 4 TEOIF TRz, kD SELEX E03Max
TV A Z LR U LR EIE Th D, [CE 1285 Pectl LK YT 74~ —RlFI DR 5E
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BLE KB

IEEVE N Z > Tk LTz, CE IZXDIKENSRM a4, TRENICISVT Lp(SGL) ke
HE—IArEE L, Bk — e LT, S BT — L HRICAFAE LT ssDNA 1E Lp(SGL)
LREGTDIENHIALZ. Z0E 7 — Lo ssDNA 51| % NGS (2L~ CTRIAIfENT#, CL fif
BT+ DL fi#HT 12 &> T Lp(SGL)FE A7 DNA 77 #~ —EMiEC S & T B L=, ZOEEMECSNIZ DU
T, fHARBRICEST Ky, KO kg ZEHLTZEZ5, Lpl (AAGCCTGTATACGCGAATCGCCCA-
GGGCGCGCGGGGGGGGGGGGGTTACGGTCTCACGGTCAAGTTC) bRV Kq, ke Z7RL,
SEATHFZEIZ TRIZESLTZ DNA 77 2~ —ElsI L% Lp(SGL)Em\W i A REE Ff~ 77 7 4~ —id
F PRI TETZ.

5.2 AWIFEOMEE A B DORE

As(I11) - As(V) i 1 HITEIZ DWW T, BIfEDEZA, HAROHL F/KIT %L Cii HFEA A S 5L
TeLZAETTHESTWD. FRICES A HTIEIRERRIZ H AR RD As(I) 25 Te T KIZ
*FUCil AR A2 R L T, R TIEX, N7 I 5 42z id el T, HRE kD
As(I)Z =i S Te i T KRR, As IREEDY mg/l A0 — /L CHAE S 2 HIBAN R /3L TR,
INHOM FAREREUIZARFIEDTEHFAGA TE TRV, D728, As BA R I KRIZHL
TS WL TT DR T AKOFEEE %< THZEMNFREEL TR DD, Fio, RBFFETHREL
7=fii 5 As(I)RRHEL TS AS(V)RRIEZFL A R T F KR As OAIELZ ED 434712 Hk
B L, HERTIEL LC-ICP-MS TLINTEARD 7= As ALETE DN ASARIFE CRR LI-FiET
TELDOMNITHOWTEHIlIL IO EZ X TS,

Lp(SGL)#EEE! DNA 774~ —DBi% TlL, BRI T Lp(SGL)EDFESHED FVY DNA 77
A<= ETLOTETEST, 20 DNA 77 ¥~—%2 R\ ot —0BRETIEIEST
UWRUN, DT, SR IIARFZE TR L. Lp(SGL#EAT DNA 77 4~—%& -t o —
BFEICEFT DT E THD. Fiz, Pect IBHILIFFAOBRELT, /7= (G) Uy F 7 DNAT
TH<—(DNA 77 Z~—DT % LMEKTIZ G O EDLEIENLNT 7 X ~—FH]) DNk S
NOMEIZHD. 7o Pectl BHRIEIZL ST G Uy F 72 DNA 772~ —RiH73 8k S VO A 238
HLDONZHOWTTHIFRINZIIARH TH S, IHIZ, Pectl BHIEIZIBNT, ctITP E—RF CHlEH
S ORL TR IEES IR BEZ MR BBRICR) = F L A X YA K (PEO) Z¥RINL T8, 72
¥ PEO ZIRINT HZL TIRMBIRIEAHERFS LD DN OV TERIZ3 > TR, ZDT2D,
L3728 G Uy T 72 DNA 77 4~ — RSN AMHNICH DD, PEO 2T 5L ThRE
BT R OPEHRBE RS HERFS LA DN DT, BIERIIE AN = R ADIRIIH LB Th 5.
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Eifa

RGO FEATIZH TV HHE L T F S o7 AbHEE KPR FEBE LA R A AR T R
= ARSI DIV UE T, RS, EREDE L FAEDORNLEZLDOTE
HABOELT. R AEICTRRE W W8T T, Mo EHERBREZ S CTIHNW - L0
2, R CEHETDHIENTEELZ. RYITHINESITSWEL.

54 FIZOWTE, MFEOZRTICHTZY, ZLOTEZBYELH ERTFH TR
R P IR A TR B R ISR T LT IR R R I
ARAEDEELY Lp(SGL)5 A DNA 774 ~—431 D Pectl B A7 A, O CL fi##T, DL fi#
Wr DR FH & FEED L THREIBV EL T2, REIZHINEITIWELT. Fe, B ERFE T2
BH R P A B SRR B 7 R J0 2 0 Se 2k, [RIZE, D EERRICD, HEx el CRA I i
FEIZZRDFELTz. BREHN L E T,

FeALHEE KK LA e R R B A A T BB i E 2 e TR ME AR A
FERFIC, PR TOEIZMEL, ZL<OMMERIMEEIHY, Rin LORIES 5[ &2 CHEEL
To. WREHNZUET . F72, RIBIB WRIRERSAE, hEBR A I JEE T O EIE B
L, Z<OTHREEZBVELZ. LIVEGI N LET.

JEHEE KRB LA R R A A TP g d% Wi Se A, ARFaiEse A, RIBRER
BIAE TP E R A T HEAICIIARGR L ORI EZ S| &2 CIHE, §HERAZER, ZWE
ZBOELT. DIV N LET.

ALHEIE R 7 KRBt LA e R SR A T RO A H T R =R E 45 1R
%, HIEGERE, BT NEBVELT. EEHT AN L ET.

SR RS B A A T & B L ) (B PR JE T i AN R BR B s ) Bf 1A o
&, EINCRFFEBR S E N AR e TR oK BRBEAF 70 NV — 7 KB T — L BT R BEE R
Sk, JtlRKEF—25E 8 RESUEEA, RMFERTmBoKREN 27 Vv — T KET — 20
ERRIIL ORI e 8 A D E LT, A ST PR RIS E S L7 H O TR £t
TS, FERRHC IS O BB A ST CHE L, DLVE# L ET

ABFFED— L, MNLATEIEN B A PRI R 31 4 BB AR Je 2 Al B 4 (RERIBIF I
B AT EL-. Z2ICRRLCGHEERLET.

KRERND, TIWETOFPAEIEE XX TN BAIXCD FIRIZ O DG LET.
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