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HAERR LTZ, /LT 7L w7 ZAPCRIZIL, Platinum Multiplex PCR Master Mix (Thermo Fisher Scientific) (2
GC enhancer % 20%#SINd % Z & T, HEE IR EE2R i 2 & 00 7242 24 T CHEMREEM 2455 Z L8 TE L S bIT,
oA~ —RELZFHET D LICX Y AR AEOMRERTHON TEDMEOE—T L5 LT,
ARIEZLY | FEEE UNTR o2 K< MWKEEE TR 2 2 LN TE L LB BD,

Key words : M. tuberculosis, VNTR, CES, multiplex PCR

1. [EFLBIC bV AREREDEINT D250, 1EETOLO

FERZIE, BYYETE C BRBYYE IS S, 2
T 1 AU EOBENRE SN TODHIERNE
DEEIREYIE T D, HARRIZIIT 2 2020 F0HT
BRgRmERZEE T 120 AL R (NA 10 5 ATk
T DHREEEREE) 1L 97 T, 2EORER 101
L0 IFENbOD, HL 6 IR Tldi b |V IREED Bt
NTND Y,

FEEE O TR FEL LT, AATIE
Variable Numbers of Tandem Repeats (VNTR) 245
RIBGHIAHED STV, Bt ¥ —TlE, 2012
HEFEE XY Japan Anti-Tuberculosis Association (JATA)
-VNTR JEIZ LD 12 S COST 2B L7, €D
% | BEPER SO HT REIBR A B0 L 2017 AR EE D B I,
S0 ERERBIRE DO N 24 FEIK I HTIE (248ejing
VNTR) 2 &V BERILH 21T > T D,

FEEEHE VNTR O icB W T, Yt ¥ —Tikoh
F T, BN X 0SS REEERE O DNA fhitik
%, Ex Taq OVGC buffer | (#7354 4) 12k?
35+ A ZLDPCR (F=—V 7 :63 C, 30#)
\Zff L. PCR W% TE KO'R—T 47X AT 6
fHZHIR LTk, 7 A —A 7V CEKIKEI L, 5
DAV R SRR EEM O Eax i (op) % L H,
PR RZ AW TRIERICHRE L e, LnL, 2
DOIERIETIL, 1 RRIZ D& 24 KD PCR 3BT

MRERAME > TN, S BT, @ e
TEL<ABILD 1,000 bp Fitk D32 RIZOWTIL,
A DHRN D T2 D2 1L.5% T A 11— A 7)1 C 3 ]
PLEOBEVKEIN NI L 72570 &, HE F TR
EETAZLELHETH T, Fo. EVEEAR
ITHE X ADOHEINEDOT T —IZ272 73D il 2
En | EEEOARBEOT- O, S X —TIk
THET, BEROFE AT L AEEOBE 5 1
AL TERDN, BIRAERE S UETE DT EOME
STV o7,

Z DL D AR AR I H I RS MLVA
ERIU L, FEEE VNTR 9Tic >0 ThF vy EZ U
—EE&UkE) v — 2 = %— (Capillary Electrophoresis
Sequencer; CES) 12 L 2 KIEEDOHIENZ < Vb i
HEINRoTETEY I, ZhEH LIz~ LVTF
7Ly 7 APCRIZ L DT ORI bATHOI TN D 4,
ZIZT, e H—cBWThH, (EESROUEE
HigL.CES KU\~ /LF 7L w7 A PCRIZL itk
B VNTR o 2 iat U, BAFRRER&2152 2 L8 T
XT-OTHET S,

2. M#
IR IR SR B ORZYERERRE & L CHWHTWL D M.
tuberculosis H37Rv BRIZANZ., 2015 7> 5 2020 4RI
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DNT TEIN LTINS EER M S (EQA) T
Bl fs S 7o ROEEBERNI OBk DNA Z iV, DNAJR
FEIX 1 nglul & U7z, F7z, ZivE CRANASCREST
KO BRAEKED & > TR OB DNA iR
(95°CC 10 4y [HINEAFL 13,000 rpm T 10 iy
L. BB &L BRIEOKEEIZAW,

3. A&
3.1 2% )LPCR

BESROFIEMNZ LA, PCRARIEIX, Ex Tag &
NGC buffer | (BT A4A) =R\, 7714~
— DRI AME T 0.2uM & L, RUGSEHHT, 2
2Pt 94°C 543D, A CTIOR, 7=—V 7%
60°CT 30 fb, 72°CT 15D T 2% 35 YA 7 /LD
WL, RMERSE 12CTT e Lz, Bbhiz
PCR PEMIL, TE T 10 5725 80 fFIZAIN L. CES
THfr Lz,

3.2 JILFTLvys AP

PCR &I %, BEH 9 CRAf & ¥ 4 TVh/2 KOD
-Multi & Epi- (TOYOBO; Kit-A) . i Hif KRR
MLVA THWS T 2% Platinum Multiplex PCR
Master Mix (Thermo Fisher Scientific; Kit-B) % v 7=,
Kit-B TiZ, & v MIEA &4 TV% GC enhancer ©
WINEEREE 2. 0%, 10%, 20%0D 3 /SF — %Lt
LT, 7 TA ~ R, 2T 0.2 uM B
P WG R A MRS L7ens D BBt R 4 i
L7z, BUSSIEE. KitA TIEEER Y0540, Kit-B
TIE, IR 95 °C 5 3D, 95 ‘CT 30 B,
T == 7% 60°CTIR, 72 CT60RHDOIRE
Z 35 WA J D IRL ., FofERRIGE 60°CT 30
4y L7, PCR EEMI® TE I X 27T, #EDOME
Wb DT=, —REOFABERTRET 52 L & Lz,
20 fEATRDHIT U8, TGRS U TSR At
L7z,

3.3 T34 <—

CES 3HTI WD A lld e 7 7 A ~—I&, 2Rk 28
PR VNTR BARIHE S O TR S vz Fidd| (&
1) Z2HWE, wLVF 7L w7 A PCRIZEBWTIL,
F 1O Mix 105 Mix 6 D&Y OMBEGHETT
TA~—FRAE LT,

3.4 CES 2k A RIEHDHIE

PCR FEM)D TE 7iZD 5 H 1 uL %, GeneScan
1200 LIZ dye Size Standard 0.25 pL } U8 Hi-Di
Formamide 10 pL (V9741 % Thermo Fisher Scientific)
EIRA L, 99 °CC 3 Zr[HEVE MR U7z, WU D

7 viL, 3500 Genetic analyzer (Thermo Fisher
Scientific) # FHV>. Long Fragment Analysis &— R C
IR LT, 3 5h7-7 —# 13 GeneMapper Software 5

(Thermo Fisher Scientific) (= Tt L 7=, GeneMapper
DRET 74 /v (Panel, bin £ ) X, AIBOMF
B2 TSN INZbDEA AR — N L THW,
bin DAZEIX, PCR SfF 230 Lic#%, EQA BRIy
W7 —2 2 HOTEE L, &#&IC, BRIEAKD
DNA i CHRREZAT > 7,

4. R
4.1 24 ILPCR

H37Rv TalAT LTS, 7L PCRIZEL Y | 24
FEIAC% CES TR T& 5 Z LRS-, =
DIFEDOEE ., FREFRIL 20 fE08H Y ThHo 70, %
7=, B &2 bin By MEIEERFICESEANZ T
TV, ¥ —0EEICEDEEENLETH
B EBGINoT,

4.2 R )ILFTL v X PR

W Z— BT H37RY IZX L~ TF 7 Ly
7 A PCR Z#fTL7=& Z A, Kit-A TiX, QUB3336
ZR< 23 Ik CIXBAT R Th - 7203, QUB3336
DIHE—7 DB TE o7, — . Kit-B T,
GC enhancer O#INEEED 0%, 10% D & = |2i%
QUB3336 D &™— 7 MBI S 4L 72 o 7203, 20%4EN
L7- & &2 QUB3336 % F&de4: 24 fEIk Tl nl g e
v—r i aniz, =¥ A IR REBDNLD
E—rR0 ) A XD ieholc T EnD . LI,
Kit-C | GC enhancer % 20%¥shN L7454 C. PCR £
YMDOFFRIEROTIEL 7T A ~—REDOFHEEIT-
Too ZEOREE, mRGRE AR L0FEL, 74~
—BEEZRITRLUBEIC L E X, 2T
Pt ATRERTRIE D V' — 7 G DTz,

PCR M O RAF R OS2 308 L= Rk 3.4
D LEY bin OALEZEE L, #AEKOHE DNA
Z AW COMr EORGREZR Fht LTz, 70 BRFEEEEIZ
W CRRRER F26E L7 fER, IRIE2ToOTT e —
AT A K DNTRER L[ URER DG DNz, —H
DORRIZHOWTIE, T Ha—2 XL CiiEEcx 72 m
721,000 bp % #4 2 % PCR EM D AEE D G TN
L8, THAR—RF L0 4 BRI LR
77

1IZIE, ST 7 %12 H3TRY #RZ BT L
7= B2 Genotype plot 27~ L7,
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5. EE

RO ) MiE, GC HEISEW BTN,
VNTR 3HT OEERI D0 K LESITH D Z &b
PCR D LVREB X HIDH, ZILE TORFH
5. ZOH T HERC QUB3336 [k 72 SO S8 &
0 ik LOMEIR &5 2 T e, A RIOBFHIEW T,
QUB3336 Dt — 2 Df|F T X 7RSSR o
2D, RO ZENI R 2D, Al Kit-B
I\Z GC enhancer % 20%ifSN L 72254 C BAF 72 kB 1
BoNZD, KXy MIEENS GC enhancer |T&:
D72 KGR UNTR T O THERT 2% & | #&
BAIZ Master Mix 23432 Z & & 72575, Master Mix
XL s RIS MLVA 22 D> PCR IZH
MR CTE 5, 7ok, #EMITE < 2. QIAGEN
Multiplex PCR plus kit (QIAGEN) Ti%, % v Mfift
@ Q-solution DYANLLER 0%, 10%, 20%DV T HUT
BWTH, EEOEE Y — 7 Bt S o T,
—5C. Platinum SuperFi Il DNA polymerase (Thermo
Fisher Scientific) %5 &, Kit-B Rk, 24 fEi 4
TTE—7 R TE D Z EDPMERINT, AR
& Kit-B TiE, AEKIZEIT 5 PCR OGZh=EA B
RoTWZ b, ABERIZEDLETT I ~—
BRSPS 52 & C, Kit-B & [AERICREE
VNTR #TIC%f U CEMATRE L HEE2 S D, 7eds,
—HhD EQARRIZOW T ExTag Z VT~ /LT 7L
v 7 A PCR #Ei L=t Z A, VNTR2372 X°
QUB3336 CTt— 77 Mg iy, BIARRIZTF A
TGN REEDND/NESNWE—T BRENLORERE 7
STl ARETEXTag 2 AN 2 DITREEE W25,
T A a— ATV W AERZE VNTR 04T Tl
JFRIE LT, BXRUKEINOYOETIIFZEORD Y b
W T THHERHY | M THONTT 52 LT T
72128, CES Z W23 Cld, CES O#KIE
HRNFRECH D, F£72. CES IO OmEM N IEH
IR, bin 2B UNCERET S Z & T, 1,000 bp
BB HE—7 ThoTh, BONETICHELL
FAERAZHETE S, Z0=d, 1EEER AR
MR Oh=EAARETH D, I BT, CES T, 7
T A~ LTz E Y IV AR T D
ZEnn, TIA IR DB AT S
ZET, T He— AT VTIEARARETH 72 PCR ®
~NVF T Ly 7 ZMEIRATRE L T2 D, ATRIREEE LTSy
BrAE I, & 24 FEIRORERE . 1 EH7-0 6
D PCR EUGR TN T2 2 ENTEMEEEDA
HRANLHI AZKIBIZHOT 2 ENTEDLEEZZ

LD,

2B, ZHVETOLHTNG, FEEE YVNTR 0487 ©
KRG LT 54 24 fED 9 5, QUBLLb, QUBLla (X
KELTWDHLHDH—FHT, 7T Ha—RA7LThH
Mrd 5 & 1,500 bp #8253 RVl S D56
b D, ARIOSHTITIETIE, CES Oftk L, i
1,500 bp ZH#BZ 5 —7 (FMH CE IRV alREMER B
%, CES TE—Z Bl S N72WGE . KD &
TBNEHET LI, THa—2F k5
IOMTb MBI RD EEZOND, o, ZTHETD
MEHz B\ TR VNTR 29414 CES THEMi1 %
BA. WEEY 7 5D GC GENEWTZD, R
v — KONy 7 7 — OB DL Z TN &
DRBENTND, D7, RIS O
ARSI CER T2 NEN D D LRI D,

5. F&H

FEEZHE YNTR #HTIC CES 2 L. & 512, PCR
ENT T L I AMET HHIEEEE LT, RNEE
WHT 52 &C, WEkOT A a—27 vEHWi=4
Hr&EobixzamnichE2i<, DOoRHREET
VUNTR 7t a i CE A L H1chd LEZ NS,
St NEEFRHO Oz ED CRBEZER, 77—
B % BRI LT 2 8T HARROREE R
ICHE LTV EZLY,

X |
1) HEHRRKEZOBEZ 2020.
https://www.pref.aomori.lg.jp/soshiki/kenko/hoken/files/2
020_gaiyou.pdf SF134-1 H 4 HEE.
2) Seto, J. et al. Convenient PCR method for
variable-number tandem-repeat typing of Mycobacterium
tuberculosis clinical isolates J. Microbiol. Methods, 139,
12-14, 2017.
3) TR AT B R AT e B & CRrBE -
FRBURGYE K O T B BCR HEENT S $2E) TEIN O
AR — A T o A TET DHERERY R T AR > b
U — 2 OFRAGIZ BT D HFSE ) BRI ERE R
VNTR fHT O SMERE EER AR, 1 2 4R
4) JERETEAML: FE5EE VNTR ¥EIC3B 175 multiplex
PCR % FIUN AT DM, SRk 30 412 | I i
R BASEETER, %56 5 (@& 54 75) |, 106-107,
BFOTAREL.
5) Mtk RETEHE R~ = =2 7 VR Y
—X 7T NV—T M fEEEE UNTR N> K7y 7,
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%5, 2012 4£ 10 H.

6) Mk CRIEIR AHEE S ZE THEI 51T 2 R R farks
PRRHIRECR 0D 72 D O MU fi A=A TR T O 1 ) O HE
HEN ONZRRATKEE O[] e OV A AE diksaE D sidl )
AL 28 FERERERAEE VNTR BitHES R, Rk 28

R
1 TSAT—EIETILFTLYIRPRIZEITHEEE
Mix # fEBA el R
(M)
21  miru4 FAM-GTCAAACAGGTCACAACGAGAGGAA CCTCCACAATCAACACACTGGTCAT 0.1
2 mirul0 VIC-ACCGTCTTATCGGACTGCACTATCAA CACCTTGGTGATCAGCTACCTCGAT 0.05
! 23 mirul6 NED-CGGGTCCAGTCCAAGTACCTCAAT GATCCTCCTGATTGCCCTGACCTA 0.05
7  miru26 PET-GCGGATAGGTCTACCGTCGAAATC TCCGGGTCATACAGCATGATCA 0.1
9 miru3l FAM-CGTCGAAGAGAGCCTCATCAATCAT AACCTGCTGACCGATGGCAATATC 0.05
20  miru40 VIC-GATTCCAACAAGACGCAGATCAAGA TCAGGTCTTTCTCTCACGCTCTCG 0.025
2 15 ETR-A NED-CGAAGCCTGGGGTGCCCGCGATTT AAATCGGTCCCATCACCTTCTTAT 0.1
24 ETR-C PET-GTGAGTCGCTGCAGAACCTGCAG GGCGTCTTGACCTCCACGAGTG 0.2
1 Mtub04 FAM-GTCCAGGTTGCAAGAGATGG GGCATCCTCAACAACGGTAG 0.05
3 Mtub2l VIC-AGATCCCAGTTGTCGTCGTC CAACATCGCCTGGTTCTGTA 0.025
3 22 Mtub30 NED-AGTCACCTTTCCTACCACTCGTAAC ATTAGTAGGGCACTAGCACCTCAAG 0.025
19 Mtub39 PET-AATCACGGTAACTTGGGTTGTTT GATGCATGTTCGACCCGTAG 0.1
5 QUBLl1b FAM-CCGATCTAGCCCGTGAAGA AGGGTCTGATTGGCTACTCA 0.2
A 11 QUB26 VIC-GAGCCAAATCAGGTCCGG GAGGTATCAACGGGCTTGT 0.2
12 QUBA4156 NED-TGGTCGCTACGCATCGTGTCGGCCCGT TACCACCCGGGCAGTTTAC 0.1
4 Mtub24 PET-CACTAGCTGCGTCACTGG GCTGATTCCCGACGAAAG 0.05
14 QUBLlla FAM-CGTGATGTTGATCGGGATGT ACCCTGGAGTCTGGCATC 0.1
8 QUBI15 VIC-TACATTCGCGGCCAAAGG AGGGGTTCTCGGTCACCC 0.025
> 13 QuUBI18 NED-ATCGTCAGCTGCGGAATAGT AATACCGGGGATATCGGTTC 0.2
16 QUB3232 PET-CAGACCCGGCGTCATCAAC CCAAGGGCGGCATTGTGTT 0.1
10 QUB3336 FAM-ATCCCCGCGGTACCCATC GCCAGCGGTGTCGACTATCC 0.2
17 VNTR3820 VIC-TGCGCGGTGAATGAGACG ACCTTCATCCTTGGCGAC 0.05
® 18 VNTR4120 NED-GTTCACCGGAGCCAACC GAGGTGGTTTCGTGGTCG 0.05
6 VNTR2372 PET-ACCTCCGTTCCGATAATC CAGCTTTCAGCCTCCACA 0.2
#: JATA No.
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Sample File Sample Name Panel Marker 0s  SPU AN BD GO
RO3IQC-Rv_Combi-3 FO9 06 LonaFragmentAnalysis50 POP7 G5.fsa | RO3IQC-Rw Combi-3 Combi-3 modified 01 Mtub04 B B W W W
| 01_Mtub04 |
175 245 315 385 455 525 595
2000 t t t t t t t t
1500+
1000+
500
olA : A
al2
5z 255.56
ht 6853

RO3IQC-Rv_Combi-1 F07 06 LonaFragmentAnalysis50 POP7 G5. RO3IQC-Rv_Combi-1 mbi-1_modifi 2 mirut [ B BN BN BN |
| 02 _miru10 |
195 325 4585 585 715 845 a75
9000 ' ' '
G000
3000
0 L A
al 3
sz 375.59
ht 11009

RO3IQC-Rv_Combi-3 F09 06 LongFragmentAnalysis50 POP7 G5.fsa | R03IQC-Rv Combi-3  Combi-3 modified 03 Mtwb21 B B B B B
[ 03_Mtub21 |
1 (IJO ) 2(?0 300 400 590 ) 690 700

2000

1500+
1000

500

ol

al 1
sz 201.45
ht 6021

- L i ' [ HH BN BN BN |
04_Mtub24 ]
270 330 390 450 510 570 530

2000
1500+
1000+

500

al4
sz 523.79
ht 10561

2 1-1 DA ERE% D H3TRY ¥ Genotype plot (#1-4)
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Sample File Sample Name Panel Marker 05 SPU AN BD GO
RO3IQC-Rv_Combi-4 F10 06 LongFragmentAnalysis50 POP7 G5.fsa | RO3IQC-Rw Combi-4 | Combi-4 modified 05 QUB11b B | B B W
| 05_QUB11b |
200 400 G600 800 1000 1200 1400
2000 - - + + +
15004
10004+
500 | I
0 | 1
al 2
sz 336.55
ht 737
RO3IQC-Rv_Combi-6 F12 06 LonaFragmentAnalysi POP7 G5.fsa  RO3IQC-Rv Combi mbi-6_modifi UNTR2372 B B B B &
[ 06_VNTR2372 |
176 245 315 385 455 525 595
2000
1500
1000
500 1
old T -
al 2
sz 272.31
ht 4270
RO3IQC-Rv_Combi-1_F07 06 LongFragmentAnalysis50 POP7 G5.fsa  R03IQC-Rv Combi-1 Combi-1_modified 07 miru26 [ N BN B0 BN |
| 07_miru26 |
300 420 540 &60 780 G400 1020
2000 - - + + - + +
1500+
1000
500 l l
; e .
al 3
57 390.83
ht 13081
- i - i H B B BN
| 08_QUB15 ]
45 1358 225 315 405 495 585
2000 - - . . . . . .
15004
10004+
500
old . A
al 4
sz 246.56
ht 5898

X 1-2  DETAEIFEE% D H3TRY kM Genotype plot (#5-8)
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Sample File

Sample Name Panel Marker 05 SPU AN

2000

RO3IQC-Rv_Combi-2 FO8 06 LonaFragmentAnalysiss0 POP7 Gb5.fsa RO3IQC-Rw Combi-2  Combi-2 modified 09 miru31 H B .

08_miru31

130 ) 260 390 520 650 T80 910

500

1500+

1000+

mbi-6 F12 06 LonaFragmentAnalysis50 POP7 G5fsa RO3IQC-Rv_Combi- mbi-6_modified 1 B [ N BN BN BN |

10_QUB3336

300 500 700 900 1100

al 8
sz 533.08
ht 1936

RO3IQC-Rv _Combi-4 F10 06 LongFragmentAnalysis50 POP7 G5.fsa RO3IQC-Rv _Combi-4 Combi-4 modified 11 QUB26 [ AN BN BN BN |

11_QUB26

3
2000

00

600 TO0 G900 1100 1300 1600

1500+

1000

500

0

als
5z 865.18
ht 7123

12_QUB4156

2000

70 140 210 280 350 420

480

1500+

1000+

500

-

al 3
5z 216.96
ht 9031

1-3 A ETAEE%EO H3TRY k0 Genotype plot (#9-12)
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Sample File Sample Name Panel

Marker

0S SPU AN _BD GQ

RO3IQC-Rv_Combi-5 F11 06 LonaFragmentAnalysiss0 POP7 G5.fsa RO03IQC-Rw Combi-5  Combi-5 modified

13 QUB18

[ 13_QUB18

1350

150 450 750 1050
3300
22001

1100

I
al 0 [ ! ;
sz 228.63306.22584.34161.77
ht 2164 2497 557 1061

al 5
sz 616.87
ht 3919

-Rv mbi-5 F11 LongFragmentAnalysi POPY A RO3IQC-Rw mbi- mbi-5 modifi

14

Bi11

| 14_QUB11a

1350

50 450 750 1050

A

al 2
sz 303.67
ht 13993

RO3IQC-Rv Combi-2 FO8 06 LongFragmentAnalysis50 POP7 G5.fsa RO3IQC-Rv Combi-2 Combi-2 modified

15 ETR-A

[ 15_ETRA

120 240 360 480 &00

B840

9000
Go00

3000

al2
5z 340.66
ht 4036

al3
sz 414.83
ht 15211

al 1
57 266.43
ht 5184

| 16_QUB3z32

400 600 800 1000
2000 t t t t

1200

1400

1500+

1000+

500

al 4
sz 526.66
ht 9001

1-4

— 2'7 —

DR EITARE%D H3TRV #:0 Genotype plot (#13-16)
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Sample File Sample Name Panel Marker 0S 5PU AN BD GO

| RO3IQC-Rv Combi-6 F12 06 LongFragmentAnalvsis50 POP7 G5.fsa | RO3IQC-Rv Combi-6 Combi-6 modified 17 VNTR3820 I B W W W

[ 17_VNTR3820 |
300 500 700 900 . 1100 . 1300

2000

1500+

1000+

500

o )

al 3

sz 413.76
ht 11267

RO3IQC-Rv_Combi-6 F12 06 LonaFragmentAnalysis50 POP7 G5fsa | RO3IQC-Rw Combi mbi-6 modified 18 WNTR4120 B B B B &
| 18_VNTR4120 |

300 500 700 900 1100 1300
2000 t

1500
1000

500

RO3IQC-Rv_Combi-3 F09 06 LongFragmentAnalysis50 POP7 G5.fsa  RO3IQC-Rw Combi-3 Combi-3 modified 19 Mtub39 [ HN BN 0N |

| 19_Mtub39 |
106 326 455 585 716 845 75
2000 ; i . i ! . f !
1500+
1000
500
a 1 :
al s
sz 443.87
ht 5239
| j- i i i H B B E B
20_mirud0 |
250 350 450 550 650 750 850
2000 + + +
1500+
1000+
500
old ]
al 1
sz 276.80
ht 7353

1-5 2R # O H3TR #:0 Genotype plot (#17-20)
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Sample File Sample Name Panel Marker 0S SPU AN BD  GQ
RO3IQC-Rv_Combi-1 FO7 06 LongFragmentAnalysis50 POP7 G5.fsa | RO3IQC-Rv Combi-1 Combi-1 modified 21 miru4 B B B W B
[ 21_mirud |
80 160 240 . 320 400 480 560
Q000 ' ' I ’ ' ’
G000
3000
;} ] | . A
RO3IQC-Rv_Combi- LonaFragmentAnalysi POP7 G5 RO3IQC-Rv_Combi- mbi-3_modified 22 M H B B BN
| 22_Mtub30 |
210 280 350 420 490 560 830
2000
1500
1000
500
oA A .

RO3IQC-Rv_Combi-1_F07 06 LongFragmentAnalysis50 POP7 G5.fsa  RO3IQC-Rwv Combi-1  Combi-1 modified 23 miu16 B B B B &
| 23_miru16 |
380 440 520 800 880 780 840
2000 + + + +
1500+
1000
500
old o . A
al 2
sz 468.63
ht 13917
- i i i N [ I BN BN BN |
[ 24 ETR-C ]
&0 120 180 240 300 360 420
2000 - - - - - - -
15004
10004+
500
ohd A | A
al 4
sz 258.58
ht 2091

1-6 4% # D H3TRY #:0 Genotype plot (#21-24)
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(Summaries follow.)

VNTR analysis of Mycobacterium tuberculosis using a capillary electrophoresis sequencer and
multiplex PCR

Yohei Takahashi, Yukina Hashimoto, and Takeshi Yamagami

We examined the introduction of multiplex PCR assays using a capillary electrophoresis sequencer (CES) for VNTR
analyses of Mycobacterium tuberculosis, which have previously been conducted by single PCR method using
agarose gel. By conducting multiplex PCR using Platinum Multiplex PCR Master Mix (Thermo Fisher Scientific)
with GC enhancer added for 20%, amplification products resulted at all 24 regions including those where
amplification is difficult. Furthermore, after adjustment of primer concentrations, peaks were strong enough to allow
analysis at a single dilution rate across all regions. This method appears to make it possible to efficiently conduct
VNTR analyses of M. tuberculosis while preserving high accuracy.

Key words: M. tuberculosis, VNTR, CES, multiplex PCR
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REEEEYIDANA AT A28 T5Frx ) TL—a VAEELREEELTD

XXV VETHAILNEAILT XD XL OOV I RAEZHELEE

WA gy £

SR A2

Wt ANTEF S SRS

WEMEHB I CROENHETHY, BARAOARDLT EU RETHLHEEHAINTWIHETH D,
AOAC OM 959.08 IZHE U7~ U ANRA FT v A THEEFEL SN THWDIYF T FF I (STX) & AAK
TRLEAEMBEEERFAEICLHFEA SN TOWAETIANRETAL NS FT bF T2 (deSTX) Z[F—5M4T
Fx VT —a v, v ARSZHEE L, 2 V=X, A—&TFoHMTERTS 2 LiIck
DEWED CFEZHET L, 55N 5 hEtts S dEtt a2 R 7,

%60 RO~ 7 AR GIZ L VST AE CFEIIEME L AL — AU CIRIEFRUETH -, £/2, «
UASRIZHE 1R 37 AT 252 & TR CFIEOEBIEILE HIT 10 %Al CTh o 72,

2 A TH LA 35O CF AL Y HEH L-EWEOlFEMEIX, STX 23 1969 MU/umol, deSTX
23 1090 MU/umol, deSTX @ STX (ZkF3 2% #E 1L 0.55 TH Y . Oshima DX E#EMEL 0.51 & TV MVE

THoT,

Key words : paralytic shellfish toxins,

conversion factor,

1. [FLBHIC
“HEAFOMEBEMEEFEITA RO R TR
MICEmEE L FEER-STVWHIHETHD,
FoORFIERITT 7 (Fhr FRXvy) hEgEe
FUHLTEY, A, & BLUBEO LIRS
DU e D R 23 REIE0) © . EBEAL L 72 356 1SR PR I
JBRIRLIZ X BIRR R 2T K W BBICE 5, FREME
LTV F T ¥ (saxitoxin ; STX) & ZFD[FEE
KEEORBRTH Y, FEIT Alexandrium tamarense
(IH), Alexandrium catenella (IH),
tamiyavanichii (IH),  Gymnodinium catenatum 7% &£
DI ERICL > TEEIND V2, FBIXT T
7 b UoMENED “EAICEAT, RS, IhE
BRELLE MR LEREEL LT, ZHA
TR BRI 5 D STX iR &2 AT B8,
TR PO EE OBRNTHAHNIC LD ZHA
T ¥, Z O BMERSLHEZMA D 50 FELL B S

Alexandrium

1 RS i dul U7 R JR) BR 5 A B
2 BRETATEERERBLOR AR
3 (—W) ‘iR Let s 2 —REHEHT

saxitoxin,
AOAC OM 959.08

decarbamoylsaxitoxin, mouse bioassay.

nTkH (Fig. 1), FEEICL > THEMEIIREL
B0 D,

MR EOREELE LT, SUASLTT v
A (MBA) YZIZU®, LET X =N T ¢
TT7 vt A 0D 7L HT A HPLC &N HT &9,
RA N F 7 5 HPLC &4 10111272 &> AOAC
ABIEDIZD LC-MS/MS E7e £ S E X E R TE
DE STV D, 2021 LV EU TldEM) % f
LR ZE R S MBA ZRD 6N o
To 3, BERR O HTIE TIERI S & 722 5 T R CoOHRKE
DOIEMEYVE N LIE L 720 | SRR OB % Bk
HAMFREL (Toxicity Equivalent Factor: TEF) (2L
STX-2HCl Y& |ZAH L2z ORfMic kv FEEeR
HHI L LD, L, EEMEOMEILE Y
LIS 2T, Codex B & L C FAO/WHO Hifi%
SENEH L2 TEFD & RN & 5 22 4 6 B
(European Food Safety Authority: EFSA) 723/~ L 7=
TEFWR R 572 & #EIZZ W,
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R4 : R4 : R4 :
R R2 RS _coNH, ~CONHSO; “H
>:NH§ H H H STX GTX5 dcSTX

m OH H H neoSTX GTX6 dcneoSTX
\ OH  0S05 H GTX1 Cc3 dcGTX1

H 0S0; H GTX2 C1 dcGTX2

H H 0S0; GTX3 C2 dcGTX3

OH H 0S0; GTX4 Cc4 dcGTX4

Fig. 1

Structures of major STX derivatives

STX: saxitoxin, neoSTX: neo saxitoxin, GTX: gonyautoxin, dc: decarbamoyl| analogues

HAROREME B #iRiE (AEE) DI 2HHE
Wz BN G L 2B o~ 7 ZAEBER R 2 6
BEAZRKDD MBA ThD, “HMHENLAMERET
MBI L CHB-MIE 1l mL 2~7 A 5 BIZEh
ZNERENF G L, B AL TE L 72 e o
R D~ 0 RABNTHAE R (Sommer’s table)
% FEICERBRATR | mL IS -5 ~ 7 2 BN (MU)
ZRODEDOTHY, HHT L2~ D AL ddY &,
HELIEESNTWD, 72, oo Eh
DR ELT4MU/g 2825 HD%HARTIE
AL THY, IMUIL, (K 20g @ ddY RHfE~
U AHEIERNEEE L& 15 TR LE SE 57
BEEEREINTWND,

ZDORAEET AOAC AFBIETH S AOAC OM
959.08% [ZHEML L TW BN, T ADEZMITE
DAL )~ A LR ZFEEL TWDHTmo,
VTHRESNTE~U A EFEHTLILERH D, 2
st L AOAC OM 959.08 Tl #flz~ 7 Z%#k
FHREY T, STX EEFHHRRE T v 7 L—r 3
VIR E L TCEET D LI LY B iR
(Conversion Factor : CF fE, pg/MU) %3k, i
BratEuer4 %, Z o CFEIX 1 MU ([ZF% 4%
STX & (ng) ZERL THV ., #FAElT STX-2HCI
BEIZEBR LI TRT LI NTWD,

BUEAE FH STV 2 BLHIME L Codex ZE & TliX
0.8 mgSTX-2HCl Y f&/kg & LTWDH N, KEH &
EU TlX 0.8 mg/kg, 7+ 1% 0.8mgSTX ZEi/kg,
EHEHEINDHALTR > TWD, HARTIESTX
X MbF RGO LK O EME ORGIZET 5
HEHE] CERR 744 A 5 BIERE 65 5) ICHES
NEREWE THY, REITLHAADZ LR
HIZHEELWEIRR S 5720, g v T
EEHTZ LT LWIRIZH D,

HAROHGIETH D 4 MU/g 1. 0.8 mg
STX-2HCI Y &/kg L IFIERETHDH I & a2 X—
AELTEY 19 ZofA, STX @ CF fElX 0.2
pg/MU & 725, —KMEEANE ML L' v
2 —REIeET (LT, Bt 2 —) NEfH
ARSI L LCHEm L T\ A EmE
W2 R H R A TIE, STX O —D2Th LT
BN E A )L STX (decarbamoylSTX: deSTX) %
STX ofREFEHE LTHEHAL TS, Zhik,
Oshima NEARFZRBIMFIEEZEIC L Y FRk 8 £
(NG L7 fE R O ESEEBINTNDHHO
ThoHD, EBEIZZNEZHWTHEZ CF A& STX
ZHWTHE CFEAFE L TH DL 0O T L
AR
AOACOM959.08 D & & 72> TUV 5 Sommer’s
table |Z/R SN TWA IR &~ A& 7
7y h95 & Fig2 ICRTHIfRE DD, 5~70
O CTIXERERF LD Y, AOAC OM
959.08 IZ & 5 MBA Tl&, FREFERER-I S 5~7 47
EIRDIRET STX E¥EHF LG L, KHELRD
CFfE (E¥ECFELT2) #RET DL L E SN
TW5,

B IE, STX FEMEVAIR & deSTX HE HEVA IR %
PELFERER] Y 5~7 73 L 72 DIREIZAR L AOAC
OM 959.08 |Z#E U T —SF FCTv v RITEE L,
STX & deSTX TENENIYE CFEEZRD ., &W
BFD 1umol 72V OEMEEEFEH L, iz X
D UEREREICE T D MBA I X A8 WE O it
(1 pmol H7- 0 OFMN~ 7 A %% T 7577 : Specific
toxicity ; MU/umol) % 3R, deSTX @ STX (Zx%f9
LFExtEmEEE R L COIB SN TV D TEF &
e L7,

Fo, EYECFHAZREMEZEDOS CFE (

24
;W
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8.0 - . s . 2 -
Deathtlme " Death time 20 | Deathtime
60 | 0-30 min *,, 4-9 mi ' ° 5-7 min
. , -9 min 15 |
2.0 Y 8
— ™, —
= ) ° D16 4
2 40 s ~
2 = ‘. =4 ]
— Py 1.5 ., w1-4
Q * LN 2 y =-0.2699x + 3.2405
8 20 8 teen,, || 822 R?=0.9857
Y tovocecsseses 1.0 : : : : ) 1.0 T . )
¢ 4 5 6 7 8 9 45 55 6.5 75
0.0 T T s DeathTime: T (min) DeathTime: T (min)
0 10 20 30
Deathl Time: T (min)
Fig.2 Dose-death time relationship of STX based on Sommer’ s table
Table 1 Preparations and toxin concentrations of sample solutions used in AOAC OM 959. 08

Stock solutions

Volume of the
stock solution

Volume of

Final concentration

0.003 mol/L HCI

Converted
concentration™

(mL) (mL) (ng/mL) (umol/L)  (FDA-STX pg/mL)
STX2HCI 10 21 0.323 0.867 -
Working Standard 10 22 0.313 0.840 -
Solutions (1 pg/mL) 10 23 0303 0814 .
dcSTX  diacetate 20 11 0571 1.52 0.290
Standard Solutions
20 12 0.553 1.47 0.281

(2.35 pmol/L)

#¢  The values derived from a factor of 0.45 FDA-STX ug/ml calculated based on specific toxicities of
STX (2483 MU/umol) and dcSTX (1274 MU/umol) reported by Oshima.'D

CF L7 2%) DXL HEZMB L. deSTX I
STX & [RIZ&EDZE Lz CF IS 55 M RGE L
2o £72. CFEIZAARDRAEHED R—R L5 T
WAHETH S 02ug/MU & 720 4MU/g 73 0.8 mg
STX X4 &/kg L IFIXFSE & 70 D MGk Lz,

72 Z OIRHRIZIE Oshima 23208 L 72 th#EE, STX

2483 MU/umol . dcSTX 1274 MU/umol '-35 & |
STX-2HCI #2% i & L T 0.45 FDA-STX pg/mL @

AT G ST %, EBRIC STX ZEH L TK®

Tl & KT 25720, ZOf 5 S - #E o H

it % FDA-STX pg/mL & L, B& L LTRT,

2. EBRAZE ~ U ZXEHA SLC AL VAL 4
2.1 ## fino> ICR R~ 7 A% 2 HMNE(L LT L7,

STX KEYEVSWEIZ., FDA LW ft5 &7z 100 ~TRAOEKELZFHL 19~21 g DHLOEMHEHL
pg/mL STX-2HC1 MRy A4 H L7z, STX FEYE Too RLEZ AT 19g RO~ U AZMEMNT 556

AR 0.3 mL % 5 mmol/L HE BRI CTAHR L 30 mL
& L7z STX-2HCI A HER I (1 pg/mL) % 78
LIEM L7,

deSTX fEHERIRIL, BRI X — X Dt sh
72 2.35 umol/L deSTX- _Hife Y MERATA IR 2 L
oo ZOWRIZ, BEERVZ—DNFEBLTNDLE
RSN EEERECERA SR L0 TH
D, E®ENMR ICEVEMfESNTZbDTHD, F

I, 20T R T U ZADKREMIEEZIT -T2,
BB, 21g BB LU AIEA Lo Tz,
2.2 EBEEEBRSBAROAR

FEVER G- 1 mL & JEREN G- L T2 R0 $3E
e OB 5~7 43 & 725 X 51T STX-2HCI
FEFEHESIRF L O deSTX MEHERIK 2 TN Th
FR U L7, AFRIKIZIE 3 mmol/L Hile % fif
AL, RiEE 2 1 mL$HOLx 722 /2033 8
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Z 7L U 7= (Table 1), STX-2HCI ¥ & T deSTX-
_Mﬁﬁw SFEIXENTE 37221, 37637 £ L
7o BB GWRITHESEL, 4 CTRIF LT,
2.3 EEFH
RETHA ORFIZS7-5 1 ANnS 3%
1= L &y —XUfio 11l HEE 12
HIZHEHYE CF & R E LTz,
=R 11E2017/1/12 726 2017/3/23, 3 — R
y2u2mwunﬁ%xmmnmr@MBA%iﬁﬁL
i 1[5 CF O L& MR E Lz, v — A 2 T,
R B O H e AR5 (2017/11/16) OFED CF |
HLT—x & Lz,
2.4 HECFIEDRE

FEUE CF fE & 138E MBA %217 ) BEOREYES &
25 HDT, ZOWRE LI % VT STX #FHE
(STX2HCI Y &) #HHT 25, ¥ —X I
AOAC OM 959.08 ([CHEULLFD X 91T STX B L
N deSTX D FHHE CF EZ KD T,

1 BB BEERE O TR RAEDS 5~7 5312725 K 9
P N EEKR QIRE) Z2Z0ZF 10 B0
~ U A2 1 mL T2 REFENE G U BSERER % HE
L7z, ¥ U AOESERER N WIIAICIE <, 5 FH
L 6% B OVHE A B REIEEER] & L. Sommer’s
table 2O EWWK 1 mL O~ v AHENFT)
(MU/mL) %R, BEEREE (ug/ml) %
~ 7 AHN#H ) (MU/mL) TK:L7-{&% CF &
(ngMU) & L7,

Season1:STX(n=115)
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Fig.3 Death time of all mice in MBAs with STX and dcSTX standardized solutions.

2 HH :ATHICHHR L7 REAIR QBE) %,
£ 10 ZO~ U ARG L, [FERIC CF EZ KD
776

Fo, ATHICTRE L2 IRE & RRE O 581K
Q) ZH-ICHARL, % 10 BDO~ 7 A |T#
5 L CRKEIZ CFIEZ KD T,

2 A TCEF60 B~ A LR L, Foi7c
6 1> CF E DN % kb, Z vz EY%E CF i &
L7z,

FEYE CF EDOREIL, > — X AN 1 [BI%EM L
7o EHIZLDIELHSEZPT=0, —HOE
HlImy— Ak bE—FH (&E5EA) BIFERL
7=,

2.5 ﬁ;mwﬁm%ﬁﬁw

CF flix~ 7 2 D& %%&%%@$&£Tﬁ
#4572, AOACOM 959.08 TiL, EHIAIIZ
EZRD~ T ADKZ M2 HRT D 2 &kén
TW5, £/, BB ERMIL, £ CFHED
20 %N E SN TS, ZZTHRLAZ CFE
R CFfEE L, ZE LT CFIEE R D)%

DB & MR LT,

STX X deSTX FEHER GHIRIZ OV T, &
NENHEYE CF B E RS & [FIEE O 598 % i
L, £S5SREO~T AL LT,

=R 1 TIEBESE A (JLYE CF ik ETO
BHEE) B14ATEBL, >—X 2 TlEIEREE
A~D D 4 4 TEL, HEHFICLDIEL2ED
FRE LR LT,

Season1:dcSTX (n=115)

Death Time (min

11/26 12/16 1/5 1/25 2/14 3/6 3/26 4/15

10 L] L] L] L]
(]

8 (]
[ W s e——g—-8 8 g
E ° )
T 6 g e goe! H i s
£ — 2 —— g —————— -
£
c o4
®
i
o
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Mice that

did not die and that died after 10 minutes were set to 10 minutes according to the data
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3. HBREER
3.1 STX & deSTX DB D LS DEH DL

2 MBA ORI ZHEGHZ LI ry ML
T Fig3 IZRLT, BE Lo~ T ABI W
10 L ETCHE LIy AET—4% L1043 & L
7=,

FEUE CF I o — X L b [A—0 2 BE%E 2
A1 HBH20/E.2HH40 EDOF 60 EIZ[F—
BEEPEGLEER TS, 11 AEIT 12 A
WZSEHE L7225, STX [AlA% deSTX & 42 & &
LENDS~T S ERLOICT T AT L W —

R EbEEOEEIIREFETH T,
=X BAMREROM 1 M OB CF fEIX, %
U CF ERERF L A U 1 IREOREGIEZ 5 RBIC

BH LR TH D, WWE & b BERBUERRIX
A~8 iy ThoTl=M, A—HEENEG LIy —X
V1 TlE, deSTX D1F 9 MEFERERH] DIX S D X g
XN E ot

STX B¢ 528 W Tk, »»— A 1 TlE CF fak
TERFOPRE TIXBIERFMEN S R & e b~ D A
DR SN2, 2/23 L O RTERE R 5RE
(0.303 pg/mL) D GHEKEHEH Lz, £7-. EHK
BhHEL LIy =X 2 TIZ VI8 IC 5 B TH
TERIPH (FEYE CF i 0.189 pg/MU D 20 %LLA)
Ziil S 7o 7728, AOAC OM 959.08 [ZfEW
3t 20 BICHEE L CTH-ICHEYE CF 2R E LT

(Table 3 *&: ),

Table 2 CF values and toxicity ratios determined by MBA using STX and dcSTX

1st Season

standardized solutions

Dose Median Median Individual .. Average of Toxicity ratio of
Group  Date Date N P CF value? Toxicity s N 5
Toxin No® Pre® o (ug death time MU CF? Cug MU (MU/umol) toxicity deSTX to STX
o re. v /mouse) (sec) (MU/mL) (ug/MU) ng/MU) e (MU/umol) (mole based)
1 12/15 12/15 0.313 343 1.678 0.186 1999
2 12/15 12/15 0.323 318 1.812 0.178 2091
3 12/15 12/16 0.313 354 1.624 0.192 1934
STX-2HC 0.186 2004
4 12/15 12/16 0.323 332 1.730 0.186 1996
5 1216 1216 0313 337 1.705 0.183 2031
6 12/16  12/16 0.323 336 1.710 0.188 1973
0.555
1 12/15 12/15 0.553 353 1.628 0.339 1108
2 12/15 12/15 0.571 332 1.730 0.329 1141
' 3 12/15 12/16 0.553 320 1.800 0.307 1226
gicST}s At 0.339 1113
acetate s 4 12115 1216 0.571 345 1.670 0.341 1101
5 1216 12116 0.553 380 1.520 0.363 1035
6 12/16 12116 0.571 356 1.616 0.353 1066
2nd Season
. Medi .. § NP
) Group Date Date Dose Medu.m S :ﬂ Individual CF value? Toxicity Av erage of Toxicity ratio of
Toxin e o 5 (ug death time MU @ CF? Py oMU/ 'o D toxicity deSTX to STX
No. Pre. Inj. /mouse) (sec) (MU/mL) (ug/MU) ng/MU) o (MU/umol) (mole based)
1 11/9 11/9 0.313 348 1.652 0.189 1968
2 11/9 11/9 0.323 325 1.770 0.182 2042
3 11/9 11/10 0.313 333 1.725 0.181 2055
STX-2HC 0.189 1975
4 11/9 1110 0.323 359 1.604 0.201 1851
5 1110 1110 0313 328 1752 0.178 2087
6 1110 1110 0.323 360 1.600 0.201 1846
0.550
1 11/9 11/9 0.553 351 1.636 0.337 1114
2 11/9 11/9 0.571 368 1.568 0.363 1034
' 3 11/9 11/10 0.553 350 1.640 0.337 1117
c&licST}s At 0.346 1086
acetate s 4 119 1110 0.571 359 1.604 0.355 1058
5 11/10 1110 0.553 353 1.628 0.339 1108
6 11710 11710 0.571 349 1.646 0.346 1086

a) Ten mice were used in each group, b) Date of preparation of injection solutions, ¢) Date of injection, d) Mouse

unit by Sommer's table, ¢) Conversion factor, calculated as amount of toxin injected divided by the median MU,

f) Average of 6 individual CF values, used as reference point to check routine assays.
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Table 3 Confirmatory CF values in MBA performed using STX and dcSTX
standardized solutions

1st Season
STX 2HC1 deSTX diacetate salt
Toxicity ratio of
Exp. Date imec Date dose .\iedi@ Median CEF® Toxici'ty Date dose Bkd'gn Medan CF® Tuxici'ty deSTX to STX
No® I tor Pre”  (ug  dathtme \p® My MU Pre? {pg  deathtime \pd  (wny MU (moke based)
‘mouse) (s20) {(MU/mL) |m01) /mouse) (sec) {MU/mL) pmo])
1 112 A 12215 0313 319 1.806 0.173 2151 122715 0553 411 1414 0.390 963 0.448
2 119 A 12215 0313 308 1872 0.166 2230 122715 0553 354 1624 0.340 1106 0.496
3 126 A 12215 0313 330 1.740 0.179 2072 12716 0553 345 1.670 0.331 1137 0.549
4 22 A 12716 0313 304 1.896 0.164 2258 122715 057 343 1678 0.340 1107 0.490
5 29 A 12716 0313 346 1.664 0.187 1982 122715 03553 344 1674 0.330 1140 0.575
6 216 A 1716 0313 304 1.896 0.164 2258 12716 0571 341 1.686 0.338 112 0.492
7 223 A 221 0.303 302 1.908 0.158 2344 28 0.553 308 1872 0.295 1275 0.544
8 32 A 221 0.303 337 1.705 0.177 2094 23 0.553 320 1.800 0.307 126 0.585
9 39 A 21 0.303 429 1.366 022 1678 28 0.553 351 1.636 0.337 1114 0.664
10 316 A 221 0.303 363 1.588 0.190 1951 23 0.553 340 1.690 0.327 1151 0.5%0
11 323 A 21 0.303 390 1.480 0.204 1818 28 0.553 327 1.758 0.314 1197 0.658
Average 0.180 2076 0.332 1139 0.554
D 0.019 204 0.024 80 0.070
RSD(%) 10.6 9.8 7.3 7.0 12.6
Minimum vaie 0.164 1678 0.295 963 0.448
Maximum valve 0221 2344 0.390 1275 0.664
2nd Season
STX" 2HC1 dcSTX diacetate salt
Toxicity ratio of
Exp. Date imec Date dose .\bdfa.u Median c? Toxkity Date dose _\ied'::m Medan cr? Taxicity 4eSTX to STX
Not I tor P (g dattme \y® (enu) MU Pre?  {pg  deathtime \ud  (uny) M (moke based)
‘mouse) (s20) {(MU/mL) |mol) ‘mouse) (sec) {MU/mL) pmol)
1 11116 B 119 0323 369 1.564 0.206 1805 19 0.571 374 154 0.369 1018 0.564
2 111 C 119 0313 343 1.678 0.186 1999 19 0.553 350 1.640 0.337 17 0.559
3 118 D 11710-128  0.323 * * 0.201 1845 1710 0571 418 1.395 0.409 920 0.499
4 126 A 119 0323 346 1.664 0.193 1920 1710 0.553 406 1427 0.387 972 0.506
5 un C 118 0323 332 1.730 0.186 1996 1710 0571 324 1.776 0321 171 0.587
6 28 A 119 0313 328 1.752 0.178 2087 19 0.571 357 1612 0.353 1063 0.510
7 215 D 1710 0313 407 1425 0219 1697 1710 0571 379 1524 0.37 1005 0.592
8 222 C 1710 0313 363 1.588 0.196 1891 221 0.553 380 1520 0.363 1035 0.547
9 n A 11710 0313 426 1374 0227 1637 19 0.553 361 1.59% 0.346 1087 0.664
10 38 D 118 0323 360 1.600 0.201 1846 221 0.553 47 1345 0.410 916 0.496
11 315 11710 0323 360 1.600 0201 1846 221 0.553 327 1.758 0.314 1197 0.648
12 322 D 118 0323 409 1419 0227 1637 221 0.553 411 1.3% 0.397 946 0.578
Average 0.202 1851 0.365 1037 0.562
D 0.016 142 0.032 93 0.056
RSD(%) 7.9 7.7 8.8 9.0 9.9
Minimum vaie 0.17 1637 0.314 920 0.496
Maximum valve 0227 2087 0.410 1197 0.664

a) Five mice were used in each experiment, b) Date of injection, c¢) Date of preparation of injection solutions, d)
Mouse unit of median death time by Sommer's table, e) Conversion factor, calculated as amount of toxin injected
divided by the median MU

* Because the CF value did not fall within £20%, complete a group of 10 mice by adding more 5 mice to the mice
already injected, and injected second group of 10 mice with same dilution of injection solution. Average CF value

determined for second group with that of first group, took resulting value as new CF value.
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ZHICK L, deSTX TIdEHFZGH & Lz —
K2 THHEUE CF EUENF & [FIRE & 5 TR
i CF ERBLERPHZ 4D Z L it/ BEL
7o CFEDMG bz,

3.2 HHECFEMLR

FLYUE CF fl1Z, MBA TR 7=~ 7 AD T ) H R
8% STX-2HCI i H T 2B H WA TH 5,

FEYE CF A RO 75 5% Table 2 1279, STX
B LV deSTX @ 1 pmol & 7= V O FH:AE (MU/umol)
P TR,

STX-2HCI1 % W CRGE L 7= HEUE CF 1T, v —
A1 T0.186 pg/MU, > — R > 2 T 0.189 ug/MU
T, YPEHZEBUVT 2004 705 2013 AEIT4E 1 [A],
A CH#ECkD IR CF fH 0.194 = 0.014
ug/MUDEFHN TH - 7=,

RIERIZ N L CHF Haviz deSTX- FEfRHE & L
TORYE CF fiiZ, > —X> 1 T 0339 pg/MU,
=X 2 T 0.346 ug/MU ThH -7,

Al —#GHIC L0 Eh LR, Boh i
CFEIZH v — X TIRIER LIETH » 7=,

3.3 WEFEF CF fED LB

e CF X, ~ v RAEZMEOLEE % /L5
72D T, STX-2HCI HFE I S5 b0
TIE72 W,

7 CF E D5 % Table 3 12”7,

8 A CF fi & 2E¥E CF fHR ERF O & 538 % A
—D 14 & LTy —X 1 TlE, R CFED
EHEIE STX T 0.180 pg/MU, deSTX T 0.332
ug/MU & 70 b JEYE CFE S IZIEFR U CTh - 72,
X 52X 1E STX 28 10.6 %, deSTX (£ 7.3% T -
7=,

=R 2 TR CF a2 &5 H L L
Tl FRHICEDEL2E TEBHENKEL 2
HZENBEES, STX Tk 5 B&RE THE#iPH
AL (CFAE 0.271 pg/MU) & 72 o 72 [51 (% 5-H 1/18)
BTz, ZDORRIZIE, AOAC OM 959.08 (ZHEV Y,
[Al—¥iR 2 B2 5 BICHRE LT 10 RO RESE
i 2> 5 CEME (0.211 pg/MU) Z3K®., £72. [A
—IREOER AT Lo 10 RO~ T R
(25 L C CFE (0.192 pg/MU) %KD, 250D
CF fE D) % % LW HEYE CF fE (0.201 pg/MU)
L L7z, 2Tk L, deSTX TIEFETORITHE
FHPANIZI E - 72, #EFE A CF O FHMHEIX, STX
7% 0.202 pg/MU, deSTX 2% 0.365 ug/MU, 1£55
L STX 28 7.9 %, deSTX 2 8.8 % ThH -7,
PIEITERE CFEE i L CEd & oo, 1

H5oXT 1 A TEMBMLEBALIZIEED LT,
10 %LANTH - 77,
3.4 dcSTX @ STX [Txi 3 B AR E ML

FEYE CF EIRERFD STX F L (N deSTX 4% 4 6 fif
® CFE B BT 1 pmol 372 W O FPEE D
)X 0, deSTX @ STX (kI3 % Fa %6 FEME b 2 5
MLl oA, —X 1 TIH0555 , v — Ry
2 CTi% 0550 & 72> 7= (Table2),

F 72, Table3 |2/~ L7-fs8 H CF M ORKE R %
(B U723 BRI O deSTX @ STX (2% % 4H
stEMEEIE, v — X 1 TIL0.554 + 0.070, > —
A2 T 0.562 £ 0.056 ThH o7z, BREEIC
EEHRR LD, T OFHMEIL, U CF fHk
E WO M 81 ZIER U T o 72, e CF
EICBIFTH#EH T L oM EEE ((EH+SD)
DOWNFRIZ. A2Y0.555 £ 0.071 (14 [F3%5), B2
0.564 (1 [F1#%5-) .C 2% 0.585 + 0.045 (4 [A1#%5) |
D 7% 0.541 = 0.051 (4[EEES) Tholz,

FEUE CF i3 X OeRB A CF % R 7= BRI
SNT-% 35 E O < 0 CF il H> B ARFZE T 23
BREICHIT S CFEAZHE I L7z, STX2HCLIZ L %
CF fifii% 0.190 £ 0.017 pg/MU. deSTX- - FHEliz
\Z &% CF 1% 0.347 £ 0.028 ug/MU TH > 7=,
F72. lumol &H7= 0 OFEMEE (ChFEME) Z2H ML
72L& Z A, STX A 1969 + 172 MU/umol, dcSTX
723 1090 = 86 MU/umol Toh o7, ZHINHR®D
515 deSTX D STX (Zxd 2 M w M iX 0.55
T& v, Oshima OFEXFFEMELL 0.51 LI VWMETH -
776

AWFZETEH L LTZ deSTX- FEfRYE @ CF I,
deSTX DAt M & D W T TEF (ARHFZE: 0.55.
Oshima : 0.51, Codex #if% : 0.59, EFSA : 1.0'9)
%z UC, STX-2HCI |[Z#% L 7= CF fE#% Table 4
R Lz, F72, ZOfE & STX-2HCI % W T
72 CF fEIC XV BPADHHMETH S 4 MU/g &
STX-2HCI #A 5 L 7= b &t TR L7z,
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Table 4 Regulatory limits calculated using the CF values obtained in this study
Converted Converted
CF value TEFs CF values * 4 MUJg
Toxin Yamamoto Yamamoto
otal. etal Oshima™ Codex'® EFSA™
(L/MU) (Mg STX-2HCl eq./MU) (mg STX-2HCl eq./kg)
STX-2HCI 0.190 0.760
0.55 0.191 0.763
deSTX 0.51 0.177 0.708
diacetate salt 0.347
0.174 0.694
1.0 0.347 1.388

* The values (ug STX-2HCI eq./MU) that multiplied the CF value of deSTX diacetate salt by TEFs.

4. FEH

AOACOM 959.08 IZ¥EL | [l —5:fF F T STX B &
N deSTX ZAZHEYE L L CHAE CFEZ KD, H(Z
MR CF I LY ZOEE 2 /R LIk R,
deSTX-_FEfeHR T STX-2HCI & [F4512%27E LT- CF
EREONIWETHD Z & E2MER LT,

2021 4 &V EU TI3pRENE H 3 A 2B 2 fi H
LT b & S, Mot BifiliE L~ 1o
HWrzHWBRD 2 & kfgoto STX D P57
LWAARTIL, BEROIT~OBITIZIE Y U 7 &

MR NSH S D L Bbih b i, Q&E%%mm¢
LHEIIRREME R OFMEE STX #H 3252 &
BZEE D,

AWFFEOFER, STX-2HCl % VTR 7- CF i
1% 0.190 pg/MU TH Y, HRDREEDN—A L
725 TWAHIE (0.2 ugMU) & Hlg g5 & F RS
WRFR%CTH -7, 2O CFEEZHWD & 4MU/g D
Y. 0.760 mg STX-2HCl Y &/kg & e o7-, RIEE
v H — ORISR EE A T STX O
FEAETE A SN TV D deSTX-  WEfRHE 2 H V7=
CF fil%. Oshima OFHx#EME LR Codex KikE D TEF
Z T STX-2HCI #5925 & | FERRIT STX- ZHCl
ZHOWTAEIZ RO DI A S bz, Wi,
EFSA 2MEE 95 TEF 2 W 2855810133 21*
1.388 mg STX-2HCI Y fi/kg & 72 o 7=, = Dt % 9
FZXDHE, dSTX ZHEHEFH - L THWDSA, BHA
OHHFME L VIRV 2 MU/g 2 =4 U 7 L~UL|T

RIET D & HIHIE 0.8 mg STX-2HCI 24 &/kg &8 %
RWVERRAITTHM TE D LB b,

B

ABFFEI. R 28 4F K O 29 AR DAL TR
FEE A B i O RS HEMENTFEFHEIC L 0
fil7o, THRELZEWE L EN EEL &L
WFSE T £ b AR A PR B8 3R oD RO T = R PR
N LET, o, ARPEICHTZ->TIBEH
& F L72E IO ERSETE AR RERIFZE - ZE A K PE
BATWFIERTERET « IG5 P OPEBFE — 1 LI 0 b
R L BT R,
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A comparison of mouse susceptibility to saxitoxin and decarbamoylsaxitoxin as reference
materials for calibration in mouse bioassays for paralytic shellfish toxins

Akemi Yamamoto, Minoru Nakaya®, Megumi Shibata?, Yukiyasu Masuda, Junko Kimura, and Noriko Takasaka®

Paralytic shellfish toxin is a type of shellfish toxin with a high lethality rate and of great concern not only in Japan
but also in the EU. We compared mouse susceptibility to saxitoxin (STX), which is the reference material in mouse
bioassays conforming to the AOAC OM 959.08, and decarbamoylsaxitoxin (dcSTX), which is used in proficiency
testing for food hygiene in Japan, by using them for calibration under the same conditions. Across two seasons, we
conducted examinations using the two toxins under the same conditions to obtain CF values of each-toxin and
determined relative toxicity ratios based on the observed molar toxicity.

The reference CF values obtained from 60 mice in each group were generally consistent for each substance
throughout each season. In addition, the percent changes in CF values obtained from weekly administration to 5 mice
over 3 months were less than 10% for both-toxins.

The-molar toxicity calculated from 35 CF values for each toxin during the two seasons were 1969 MU/umol for STX
and 1090 MU/umol for dcSTX, with the relative toxicity ratio of dcSTX to STX being 0.55, which was close to the
relative toxicity ratio of 0.51 reported by Oshima.

Key words: paralytic shellfish toxins, saxitoxin, decarbamoylsaxitoxin, mouse bioassay,
conversion factor, AOAC OM 959.08
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HRREREREYE ¥ —FHf F 325 (2021)

NERBEEERAEBICETETALNEANS XD XU EFERLE-EECRELE
AOAC OM 959.08 [Tk BHF ¥ bFT U ZEA L -E# CF ED LR

(2011 M5 2019 £F)

HIABA S

— M EE NI X — R IRET 2 JEME L T D B S AR SR B B A 0D S A
\ZB1T D CF L, ZEHELFRE LTT IANEASL AT F T hF T (deSTX) AV, RBIZERARD 3 RE
DOIERERIE 24 10 BT O 30 BO~ U ACHEGTLHZ LKV ENTS, £/, AOAC OM 959.08 (235
75 CFEIE, EH#LHEYFY 2y (STX) ICX VR 2 BE CHEMA LA X T EERKZA 10 )2
T2 HREITH 60 EDO~ T A ZHHETHZ EICLVEMNT 5, 2011 4015 2019 4FF T, YErCidZ o2
DO CFEZF U ICR R~ U A2 L, BERMN L T& 72, 2 20 CFEIIERELFEORE L5 5k
LR D HOTIES DA, Oshima O M VICH-SE STX #H S 7z deSTX IC X D & STX & EERIC
FEF L CROTAENIFE CIZR D ONERFT 5720, 202 SDOfERE I LTz,

F7o, FRAMNBBEEHREICSML TW Ao TIX, AL WL~y RXENETHESNT
W5 ddY R~ T A TH L7280, ICR Rfff~ 7 A L EZMEN R 500 EfaHELE b & IZHg LT,

ZDFER. deSTX IZ & ¥ Oshima D EEFEME VDR L7z CFEIX STX ZfEH L CRd7z CFE L v ¥
ARV ME 2R L7 NEIERISE OB & 720 . ddY & ICR D~ U AR CREZMEICKRE RaE3 |2 L &

i O

Key words : saxitoxin,

1. [FC&HIC

A ARIZI T 2 RRtE H BBk (K& k) 238
PeNE G LicmEE ~ U ADOT R —E DB
R EBRH LI~ AL FT v Ak
(MBA) TH V., Hib STX B4 A IR TN
HH L CEZRIE 1 mL 2~ 7 2 ERENICHRS
L. TOEIERMEZ M CTHET S, vV X 5
UL Bz E U CHRESER AR, v~ 7 A H
NHAF K (Sommer’s table) ) 7 5 iBRVANZ 1 mL
WY T 5~ RHLZRDD LD TH S,

— R EE AR ST v ¥ — R
(IR, B3t 2 —) TlIamA s Eg
BEFAAT & LT 2011 AR L 0 B 2 F V7o BREE
HEMREZE L TBY YT TIXZ I 2011 4F
FENBEIMLTW5,

ZOWEIT AOAC ARIETHDH AOAC OM
959.08% I[ZHEHLL TV, HARDAEETITHEE
SNRVEELBEOREH BIT) 2L ShTn

decarbamoylsaxitoxin,

conversion factor, ICR mouse., ddY mouse

%, ¥ EE LTX, BEREMICEHEATHD
FXhF o (LLF, STX) 13 HARTIXATHS:
WZHIBRA B D7D LT, T HAREA LY
FUhFTr (LAF, deSTX) ZHWVWTWS, ZD
FRBEEZX Y ) 7T L—a ViEiRE LTRET
HZ LR~ A E R L TSR
(Conversion Factor ; CF fE pg/MU) &8T5,
CF fli & 13385 MBA #2179 BROREHER L 72 D5 b D
T, ZOWRELEEZ HWT STX #FEM (STX-
2HCI % &) #Hi4 %5, CFEIL 1 MU IC/HHY
% STX-2HCl & (ng) #EMT 1720, BRI
# — % deSTX ¥A#71Z Oshima D LM (285
WTsR e b s STX-2HCI #a % (FDA-STX
ng/mL) & 15 L, ZHic L0 ERE(LE D E (FDA-
STX pg/g) ZHRMHIHETWD,

CFEIL, EHed %2 S BLLEIC< v A5 L7
WCEHEND LD TH DD, EHES L LTRD
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% CF 5D FHIMEIZ DT ARSCH Tl fL v CF i

LT 5,

B X — ORGSR SR &
BN, Y CIXE— RO~ T AT AOAC OM
959.08 IZ LV STX #JHWWTHAE CFEZEH LT
W5, FEUECFEORD FITR/ B, STX #H
WTCEBIR O 7 5EUE CF Il & A E0kS B PR A
T deSTX % VT Oshima O Feaatt D& FLic & H
L7=ZE%E CFEN—ET 5 b ONnEd, WL ICR
T~ AL L7z 2011 4E 5 2019 £ H D
FEUE CFE DR R A i L7z,

F2. U ADRFEIC X DEZMEIC OV TR
LT, BIEE ¥ —OEMW) % T2 g 2R
BT EEHFAE IS L TWO ST, Y4
AT 2 RN T2 R T OBERS T ddY Rffi~ 7 R & 1
LTW5, Zad, ERNAEELAY R~ 7 X
TEETDHEIEDOLNTNDDTHY, 2D
D~ T ADEZM & YT CHEMA LTV 5 ICR
ZIE~ T ZADEZMEIENDRH DT HONWT, &
Wy o X —DORFEREZEORFEO—EE L LI
SR 2R & LT CF EZFET L., 4T
Off & el L7z,

ek, AR TCIREGREIT/ NI 4 02 UL
ALTfEE L, 4 CF fEIZ/INEEE 4 (a8 #5C
7EE Lz, BIEE L Z—0 deSTX AEAEEIK D
STX-2HCl & L CORMEIX, 15 S 7B CHE
L7z, deSTX # MW THEH L7z CF fED AL,
fEAEE L TR S TV 5 EAL (FDA-STX
ug/MU) Tri# L7,

2. ERAZE
2.1 ##

STX =¥V, FDA X v fit5 <h 7= 100
pg/mL STX-2HCI SRR 2 M L7,

STX HEHEFIK OATIIL, M O MEEREF I
DETo T, £ STXEEMEREHK 0.3 mL % 5 mmol/L
WA CATR L 30mL & L 7= STX-2HCI 3 1
HEYAEWR (1pg/mL) ZFH8 L BHER ORI H
Wz,

deSTX HEYERKIT, BRI ¥ — L nigfkxn
72 deSTX- e R A IR 2 (5 LTz, 2 DI
{21 Oshima @ L#ME STX 2483 MU/umol, deSTX
1274 MU/umolV % & &1 STX #a5 S 7=l 28 f+f
HEERTWwa, 2011 05 2014 4 F TiE 2.55

umol/L (STX-2HC1 & L 0.49 FDA-STX pg/mL) .

2015 4225 2019 A4 F Tl 2.35 pmol/L (STX-2HCI
& LT 045 FDA-STX pg/mL) THh o7z,

FIEHEVRHIE, 4 CTHRIFE L,

ELH D CFERTOEES, ~ v AT HA SLC
RSt L VA L7- 4B O ICR Rlff~ 7 2 %
2 HIEEM L CRERH L7z, ~ U AT EGATNCRE
ZRE L, ~ 7 ADEKREIL 19~21g Db D&%
REEAL, BEOPFIZ 19 g RiiEmix 21 g2 x
DR UAPNDHFEDI, T ORET X TREM E
7oz, 22 g LEDO~ U R IFEH Lo T,

2.2 AOAC OM 959.08 IZ&1+ 3 STX-2HC| L 1=
HEECFEDORDA

WA TIX, AOAC OM 959.08 (3D X /R
FEEER LTS, AOAC OM 959.08 Tl IEHEYRS
WOFRPILIT X TKTITHI Z L ESNTVDHR,
3~4 CTREEINA2HMPBHB TH D Z &
M6, STX-2HCl OFEFEELZ S L2 EWMM % D
XT 720, YT CIEARIR A HREIR & Lz, it
DI ETIL 72\,

M OREHE(EEIC S X | I mL OERENE S
2 L D BIERR O RAE S 5~T7 53 IS A D AR
FEDOREHER HYRIR 7 2 IR U 7o, ARSI 3
mmol/L ¥ FRTAIR 2 H L, —E & D STX-2HCI 5
S MER RIS F R %2 1 mL O 2 T 2 B
v D

STX OF HIEIRIEE # 3 1 \ZRd, 851X 2H
520t L 7=,

1 HBIX 2IBREORGEKRZFHT L, KREIC
DNT 10RO~ AREZ ImL F O EENES L
oo % 10 RO~ U AREORE - IR 2 1E
L., BOERFOHEWIEIZE R, 5 FHE 6 ZHOD
ORI O (PR BSEEFR) 25 Sommer’s
table Z WV CHEIAHE | mL F o~ 7 ZAHANLE S
(MU/mL) %R 7z, K& GEEOPRE (ng/mL)
., RKlo~ v AHifrE /) (MU/mL) CT#l> T CF
B (ngMU) ZRD7-,

2 HHEIZ, BTARE L - REREESBEICS
WT 10 RO~ 7 AREIC 1mL T IEREN# S L
REFERER L W CFEA R D 7=,

£, HZICHTE & F UBREE O 5EiE & e
L, FEECONVTI0 RO~ AREC ImL $2
fEEN G L RS L Y CFE A R 7=,

AOAC OM 959.08 |ZF51) % J:#E CF E DR D 7
ZRAAL LD 0EK 1 IR,

2 HRICAE 60 RO~ RAEHEHAL, B o
6 > CF fE D -l 2 e CFE & L7z,
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=1 AOAC OM 959.08 2815 STX-2HC| ¥ 9 RIEERBEDEE
STX-2HCI FIRIR B GV
SEFAEUEY AR (3 mmol/L ¥EEEIATR) (STX-2HCI)
1 ug/mL (mL) (mL) (ug/mL)
10 20 0.333
10 21 0.323
10 22 0.313
10 23 0.303
| B RS HIETIE
1 B A7 1 2 3 4|5 6| 7 8 9 10 & CF i
ZA xmL (.20 20 . 0. 20 20 310 20 20 20 2 A
AARE (erDmL (04040005020 20 20 2 B
2 HB#5-
1 B A7
I xmL (0. 20, (. g0 0. 310> 2. 0. 20> 2 c
A (- DmL (.40 20 . 0. 20. 20 210> 20 20 20> 2 D
2 H HiER
T xmL 0204020504050 4040 2. S
I (e+DmL 020 20 . 20. 20 20 410 20 2. 20 &

=1

AOAC OM 959. 08 [=#51F HEHE CF (EDR DA (HFTOIREEEEICL D)

FAECF EIX 6 DD CF fE (A~F) DFHiE

2.3 BELVA—EBFIEEZIZE TS deSTX #
FAW-E%ECFEDOKRDA

B X —OEMPIEEICESE  ImL O
RN B 512 K B BSERE R 0 B2 5~7 I A
5 AR E D deSTX HEUER 5yAH 2 3 ARl L
Too TRIEIITARZHH L, —E &0 deSTX 1
WIRIC AR % 0.5 mL 522 C 3 %M
w7z,

deSTX D G-V % STX-2HCI [ZHa L U 7= i g
R 2T,

SIREOE SR Y | HIREICONT 10 BO~
U AR 1 mL TOMEENE G L, oI B SRR
735 Sommer’s table AW TG R 1 mL F 0
~ U AHNFES (MU/mL) 2R, KHKGERK
® STX-2HCl & L TOHREE (pg/mL) %, KTz~
v A HALHE /) (MU/mL) T#El- T CF f& (ug/MU)
RO, TORREIIFE—BIZERE LT,

B X —FEFIAEIC L 5 ENE CF DK
ODHEFEHA LD EK 2 1IZRT,

BR300 RO~ AEHEHL, fohiz 3 o
CF fE D ¥l % FLE CFE & L7=,
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x2 BELVI-ERBENBBEEERNEICE TS dSIXIIVARERBRDRE

deSTX Hmievsife AR STx-zﬂE!E LTo chTx-:ﬁiﬁiﬁjg ELToD
(7K) B GV B> B G- IR
(mL) (mL) (FDA-STX pg/mL) (ug/mL)

8 45 0.314 0.614
2.55 pmol/L 8 5.0 0.302 0.591
(0.49 FDA-STX 8 55 0.290 0.569
pg/mL*) 8 6.0 0.280 0.548
8 6.5 0.270 0.530
2.35 pmol/L 8 45 0.288 0.566
(0.45 FDA-STX 8 5.0 0.277 0.544
pg/mL*) 8 55 0.267 0.524

HF

*  QOshima 234&"E L 7= th3e

AP E
[ AT~ THRE 1 2 3 4
AR (x—0.5)mL o or o
AP x mL @@@
F UK (x+0.5)mL (o oo

C 3

C 4
C 3

STX 2483 MU/umol, dcSTX 1274 MU/umol ) |23 & STX-2HCI #a% X 7= i

5 6 7 8 9 10 % CF1#
oo -
oo °
(.20 40202

2 RELVI—EBFIREICHITHEECFEOKRDA
BEECFEEX3 DD CFE (A~C) DFEHE

24 BEL VAN ERECERERITEN,INGE
H L7z deSTX 2 & 2SR e A D E 4 CF &

BRI 7 — ARG EE R A T, EEER
deSTX |2 LV ¥ CF 2 F H T 5130, B
DI EATV, ZOFERZ R IME (MU/g) K OMEHE
{bFHNE (FDA-STX pg/g) & L CTHET S,

WHTOD ICR &~ 7 A K 5 F:YE CF E2Mod ddY
Fv U A USROS R L B L TV D
ZRDTD, BE X — NI R B AR S
HERET A=A PO RRE M H B RA O
Tl & AEHEL TR I IE O FEFHED H SRS 2k
FEUE CF fHA B Uiz, #aHEIIek e LR
STV DN (— ARSI O AR R RSE)
\Z XD BE AR LTz, SEBME O K& BT
FEERH ALGEITIL2 V< E L TV AED R S
NTWDHTZD, 2 v 7~ ABE% O EEEZ R LT,

HEAE L 75 )M (FDA-STX pg/g) 137 /1B HEYE CF
EEFECTHELTWNDZ EnD, kAU L Y BN
BERE IR D ILHUE CFEZ R 7=,

Z IR &R CF {H
=R LR IEO T EIE, 5 I E D44 fE

728, 2011 FEH D 2019 D Y FF D Y%Ak
BHIE IR T D ERIRO T IIME (MU/g) OfER
WX, z2Aa T L DFHMETT R C2RETH o7,

3. #R
3.1 AOAC OM 959.08 [Z & B STX L \f-E % CF {&

2.2 THEME L7 STX Z VTR 7- % CF D
2011 DD 2019 FEF TOREREF 31T T, Fit
10 BEEHICEY CFEZREH L, 6 #£D CF EDOW
VI & EHECFE & LCRtdk L7z, 2019 /13 5 & H
BLO6FHOHRRBIERERN 7 0L L L 725722
FEZOWNWTT = M BERO T,

BEOFIZ 19 g R E1T 21 g2 D~ T AN
WG AIZIE, ZOBT N CTREMIEEZTo72 (&
),

ZORER. STX I2X 2 9 FMDHENHE CF fEIL,
0.182~0.220 pygMU TdH - 7=,

_44_



&3 AOAC OM 959.08 [Z& Y STX-2HCI ZFALNTR&H=EZ CF fE (2011 £F£~2019 £)

LY ~ 7 AW S \

S $7 L CF i JH CF f
STX-2HCI (T oD H g fiE)
(ng/mL) (MU/mL) (ug/MU) (ng/MU)
0.313 1.608 1516  1.393 0.194 0206 0.224

2011 0.206
0.323 1596 1568  1.580 0.202 0.205 0.204
0.313 1427 1460  1.406 0.219 0214 0.222

2012 0.217
0.323 1496 1492  1.480 0.215 0216 0.218
0.313 1.770  1.878  1.740 0.176 0.166 0.179

2013 0.182
0.323 1.604 1715  1.782 0.201 0.188 0.181
0.313 1.686 1556  1.414 0.185 0.201 0.221

2014 0.205
0.323 1.764 1568  1.390 0.183 0.205 0.232
0.313 1.646 1592  1.560 0.190 0.196 0.200

2015 0.186
0.323 1.753*  1.830 1.914 0.184 0.176 0.168
0.313 1.678  1.624  1.705 0.186 0.192 0.183

2016 0.186
0.323 1.812 1.730  1.710 0.178 0.186 0.188
0.313 1.652 1725  1.752 0.189 0.181 0.178

2017 0.189
0.323 1.770  1.604  1.600 0.182 0.201 0.201
0.303 1.632 1504  1.488 0.185 0.201  0.203

2018 0.185
0.313 1.878 1.725  1.830 0.166 0.181 0.171
0.323 1.480*  1.401*  1.481* 0.218 0230 0.218

2019 0.220
0.333 1.569* 0.212

%2 AMEMm, 58 10 B&RE., TREFERBIL 10 B&RE5R-FO 5%A & 6 FHOEYE, FEYE CEEIL6

BED CFAED ), *XMAEMED D

3.2 BELVA—FEBEFIEEIZK S deSTX ZA L
f-E % CF &

2.3 T L7z deSTX % W CeReb 7= K% CF i
D 2011 005 2019 FF TORREFE 4 1 TRT,
K10 BEGICE Y CFiEZR I L, 380 CF i
DY)l % FEUE CR I & L CRtdi L7-, &% CF &
D HALIE, Oshima O FL3gEME D2 -3 % STX-2HCI (2
i U 72+ 548 o BAAL FDA-STX ug/MU Trx L7z,
2019 R REGERFEIN 7 D EBZ I ONRH D

3. ZAUL S FEH OHRRBEIEREDS 5~T7 53 Ao
Tz, ARHTIET—# & LT L,

BEOHIZ 19 g KD~ 7 ARWHEITIX, £
DOEET R TEREMIEEZITo 72 (Fh*), 21g 2%
L~ AT LTV,

ZORER, deSTX (2 & D 9 A D FYE CF flI,
Oshima D HFME DIZH-S % STX-2HCI ([Z#E T %
& 0.173~0.209 FDA-STX pg/MU T& - 7=, deSTX-
THEREME & L CIX 0.341~0.408 ug/MU TH o7,
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x4 BECLVA—FEHEFIRZICELY deSTX ZRALTROF-HZE CF fE (2011 F£~2019 )

" Fe GRS ~ U AN CF 5 STX- ZHCI &L chTx-:g?’ﬁﬁa@iﬁ &
STX-2HCl & LT* (RO JufE) TORMECFH® L CTOHYE CFE
(FDA-STX pg/mL) (MU/mL) (FDA-STX pug/MU)  (FDA-STX pg/MU) (ug/MU)

0.270 1.432 0.188

2011 0.280 1.399 0.200 0.194 0.380
0.290 1.496 0.193
0.290 1.366* 0.212

2012 0.302 1.517 0.199 0.209 0.408
0.314 1.459*% 0.215
0.290 1.410 0.205

2013 0.302 1.546 0.195 0.198 0.388
0.314 1.614 0.194
0.290 1.608 0.180

2014 0.302 1.584 0.190 0.185 0.363
0.314 1.686 0.186
0.267 1.505 0.177

2015 0.277 1.596 0.173 0.175 0.345
0.288 1.631 0.176
0.267 1.600* 0.166

2016 0.277 1.448 0.191 0.178 0.350
0.288 1.628 0.176
0.267 1.542% 0.173

2017 0.277 1.532* 0.180 0.173 0.341
0.288 1.722* 0.167
0.267 1.434 0.186

2018 0.277 1.486 0.186 0.185 0.363
0.288 1.576 0.182
0.267 1.508 0.177

2019 0.277 1.628 0.170 0.185 0.363
0.288 1.382 0.208

% [AHSERE, AHE 10 Bih, RORBEIEREEIT 10
O CFEDYY), [ IRBEMESD Y
a  Oshima O EFEME STX 2483 MU/umol, deSTX

AR Y3080 U deSTX BEERK R L~ 7 X
% VT AOAC OM 959.08 (2 & v ZEifi L 7= 2016
& 2017 AEOHEYE CF fHIX, deSTX- _FifelE & L
TENLH 0339, 0.346 pug/MU Th -7z, ZOfEIE

EFRGHRO SFEH L 6 FHOEHE, £YUE CF HiX 3 7

1274 MU/pmol MIZ -3 TR B 4172 FDA-STX #H il

F4NTR LI FAEOREE (0350, 0341 pgMU) &
K& 72T T2,

EoT, 200FETIZA L L S 2 RAE S
HEEZLNT,
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CF{i
0.260

0.220

0.180

0.140

0.100
2011

=@®= (cSTX
—=— STX

2012 2013 2014 2015 2016 2017 2018 2019

4

K3 STX-2HC| [Z&AEH#E CF EEdcSTX-—BEREE(Z LD E X CF {ED ELES (2011 F£~2019 4F)

CFIEMHEfL

3.3 BB AHEIZEK S STX-2HCI & deSTX-Z&F
FRIE % FA Lo B 2E CF {E D LR8BS

2011 4E0 5 2019 4E % TP AOAC OM 959.08 (T
XV STX-2HCI % W Tk 7= JL#E CF fif & A3
T X —EMEEEEREIC LY deSTX- HEFEH
Z AWTR O 7 FYE CF fE (Oshima @ M2 HE
S& STX-2HCI #aE L7-#E%) 2277 7{kLizb
D %X 31ZRT, HHUE CF I 2013 FF 2 BR & STX-
2HCI W6 OlE 5 AT EWE R & 725
ey, RETREBEiTe<, BMRFECEE o7,
BFohiz 9 DORFENHE CF EOFHIE, STX-
2HClI W72 34 72 0.197 £ 0.015 pg/MU,
deSTX- “WEfR¥E 2 W 72354& 7 0.187 £ 0.011
FDA-STX ug/MU THh - 7=,

F 72, deSTX- FHEERHE & L T deSTX DAL
CF 1%, 0.367 = 0.022 pg/MU ToH > 7=,

3.4 YORZMICK HREDLE

BT o F SR E B A O BRI O
ITRERIT. AP RIE (MU/g) 2k 28E L 7H
F7 R A A i % TR O 7= BN CF 2 Fe U7 4=
Ye(bF /1Ml (FDA-STXug/g) @2 2% HET5H 2
LEENTVWD, ZOFFHENDS 24 DEBYHE
H L7 ko L% CF %, # S IR L
776

UHHEOBNIER 27~33 55, YOI
23 ICR R~ AZHEHLTHBY , ML+ ~T
ddY Riff~v AZFEH L CWi=Z b, Bk
Bk LY CF il i3 E4a ddY R~ 7 X2 Xk 5
HEHECFEEB 2 bID, YT FEHE CF fHIL ICR

STX (ug/MU), deSTX(FDA-STX ug/MU)

R~ T AL DD TH D0, YETOREE L
ZNEEBE IR D FENE CF A L= b 0% (X 4
IR L2, YT CFEDIES S E DRRENSND
XY FTOE %~ D CFEH R L=,

x5 BELRUVI—MHMHEIGELLI=SmM
BALRDE# CF &

F HAPYLE | B LR fE | FEYE CF fE
(FDA-STX
(MU/g) (FDA-STXpg/g) M)
2011 2.958172 0.603467 0.204
2012 9.010935 1.827581 0.203
2013 3.028879 0.607606 0.201
2014 3.393061 0.676290 0.199
2015 3.778037 0.664769 0.176
2016 3.357172 0.601069 0.179
2017 3.265207 0.588207 0.180
2018 3.419379 0.620679 0.182
2019 3.371074 0.620926 0.184

MAEYE CF IR, IEYE LR B 3 77 s fiE

ZORER, SIMBERI 2R D FLAE CF ED 9 H:f#]
DONHIEIX 0.190 = 0.012 FDA-STX pg/MU TdH
D, YFToERLIZEREThoTe, K410 b
D LB YFTOIENE CF EIZHFEN SR
H L7 R 2R & L CodLUe CF fEIC K& 7
ZIIR ST ISR DI CF i — X5t
DOHYE CF fE)] O £ SD X 0.003 £ 0.0064
ToHoT,
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CFf# (FDA-STX pg/MU)

0.220
P .
0.200 e ® i
. o .
n " B
0.180 ® %] 0 °
9 m .
) (]
0.160
@ YUFICFE  m YT iECFE SRR o FEHECFE
0.140
2011 2012 2013 2014 2015 2016 2017 2018 2019
ea

X4 deSTX ZAW-HFFOELE CFELSMERESADRLE CFEDHE (2011 £~2019 &)
ER~ 7 A« ¥FETIX ICR R, YFTLA OSBRI L9~ T ddY R

4. FEH

AOACOM 959.08 ., EERAIZFE M S TWD T
ETHY, STX-2HCI # AWTH L7 5% CF fE
CHUR U7 ARYE L E X EBER IR D G-
HEE 2D, AARTIEIHSNC LY STX-2HCl O ]
DSEE LN RS & 72 5720 deSTX 12 L 54+
ARG S B A S FEhE S AL TUN D 23, deSTX A A H
L C STX-2HCI #25 L 7= #&:¥4E CF fE & FEFERIT STX-
2HCI % FV TR 72 FLHE CF AN UAZ 72 D i
AT 52 LT LY, 07D, Bk YTIEFE
— M T CEMR L2 EEIRMIC BT D WEERF O
WG R A RT3, T ORE RIS B BRI AL
X B HETHR CMEE & 72D Oh & AR Tl
L7,

ZOREHE, 32 DEBY | deSTX & H\W\THNBIF
FEEPRAIC X D HIETRO - FENE CF 1%, 27T
SOP (ZHEV > deSTX % FVY T AOAC OM 959.08 (T &
BHIFHETRD - RUE CFE &1 TF B LT,

F7o, HPTCRBWT, #7225 5L T STX-2HCl %
FEEIZFAW TSRS 72 CF L Oshima O FEMEfE TH#
B L72 deSTX & VTR 7= CFETIE, deSTX %
FANTZIE ) E TRV 278 L7z, ZAUER—45
i« [A— 7L CHEM LA ¥ L REROMEM THh -
77

HARDHHETH 5 4MU/g 1%, 0.8 mg STX-2HCI
Wh/kg SIFFERESETHDLHZ L ENR—RZLTWD
M, ZAUX STX-2HCl @ CF % 3 L% 0.2 ng/MU
ELTWDHDTHD, YT COMFHIBW TR,
STX-2HCI % 7= 9 4E [ CF A FH4)fEIE 0.197
+ 0011 ugMU THY | 1ZX 02pgMU THo72Z

EMb | STX2HCL #HWea, HAOHHIE 4
MU/g 1% 0.8 mgSTX-2HCI 4 &/kg & Ea—E+ 25 2
AR LT, o, YT W TR, deSTX- K
MRt 2 iR kg & U CHE M L 7o A0S A B A
@ CF {EZ A YO E—5&1: - [Fl—H1E T THCE
P STX 1973 MU/umol, deSTX 1087 MU/umol (F
RFEMELE 0.55) CHAR L7254, 9 FEM O FEHEIT
0.200 = 0.012 pg/MU & 721 STX-2HCI % T
ROTZ CFEERIBE L 725 2 L 2R L,
WIS, YT LT\ b~ 7 2ADORFIEETHE
HDRED LTS ddY R~ 7 2 TIEEN 0,
~ U ARIIC L0 FEYET DR ICE DR B D D
EREHEE b IR L2, T ORER, ICR R~
U AL ddY R~ v A, 1ZERC CFEEZR L,
JEEZMEIZICR R & ddY R TEITMANE B X b,

###

ABFFRIZH T2 . ZBIEWE2& £ LICENAE
PRIEIE NIRPERTTE - OB RS K PE BT JERTER BT -
JEIERFI DO PEBHE — 1t — M A N &AL SRS 2
ko F —REFHFFERT O R B0 7 S I
L EFES,

51 Rk

1) Oshima,Y.
chromatographic method for paralytic shellfish toxins.
JAOAC Int., 78 (2), 528-532, 1995

Postcolumn  derivatization liquid
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2) EAEAEMRA RS (PRLAR) 2015, 827-834
3) AOAC Official Method 959.08 : Paralytic shellfish
poison, Biological method. AOAC INTERNATIONAL,
Gaithersburg, MD, 2005

4) UABASEM BRI B~ 0 A F T v A1
BUILxx V7 L—va LR E LTOY
FURXIULETHINNREAL N RS RFUD
~ U RS PR, F AR IR o 2 — R, 32,
33-39, 2021
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A comparison of reference CF values derived from decarbamoylsaxitoxin used in proficiency
testing and those derived from saxitoxin per AOAC OM 959.08 (2011-2019)

Akemi Yamamoto

In the standard operating procedure for proficiency testing for food hygiene conducted by the Food and Drug Safety
Center Hatano Research Institute, CF values are calculated by administering decarbamoylsaxitoxin (dcSTX) as the
reference material at three different levels to a total of 30 mice with 10 mice per group on the same day. In the
AOAC OM 959.08, CF values are calculated by administering standard solution at two different levels prepared from
the reference material saxitoxin (STX) on different days to a total of 60 mice with 10 mice per group on 2 days.
Using ICR male mice, our center calculated these two types of CF values every year from 2011 to 2019. We
compared these two types of CF values derived from reference materials (dcSTX and STX) by different
administration methods to-verify if the values were the same by converting the values for dcSTX in STX equivalent
based on Oshima’s molar toxicity?.

In addition, considering that other laboratories participating in the abovementioned-proficiency testing use ddY male
mice, the mouse strain regulated by the domestic laws, we investigated whether their susceptibility was different
from that of ICR male mice using statistical data.

The results demonstrated that CF values derived from dcSTX (converted based on Oshima’s-molar toxicity ) were
slightly lower than but comparable to CF values derived from STX, with no considerable difference in susceptibility
between ddY and ICR mice.

Key words: saxitoxin, decarbamoylsaxitoxin, conversion factor, ICR mouse, ddY mouse
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HARRRERE L 2 —FR %325 (2021)

AEAT Y YO RBMREBEZFRL 1= GC-MS/NS ZAL /=

REVPORBREE-FIMEORLHUTM (BRERURES)

wmrEL fEawEin

A HL

HIAH 2

BRI R R — A T IEICH W 2 M E#ER 2 GC/MS 775 GC-MS/MS IZEH L7 Z LITfEW,
JEE TG DOZEMETM S A BT A ZhE W REEY 5 & H OZ 4 21T - 72, fEkD GC/MS T
AR EARIE 2 VTRl 21T > 722, FIRMEICRIER B - 72 B30, Wkth o~ MY » 7 2RI &
DUFERTIC LD BENEEE AT S WERERSEEH -T2, 07D, Hicll GC-MS/MS TlE~ bk

Uy 7 ZFMBI DT, WIEEE L~ N v 7 A~ v F U 7IEOHHiEZ v,

BRI TS~ b

Vo 7 AT H A HIROE Y 2 — 2 2 Az, GC/MS 12~ GC-MS/MS Tlix., RFME
)5 BT R TTRIENDRKIBICEELZZ EnD, BIAWVEEYO SR TE 28T 2 — A&

MUz~ b v 7 2O AR ST,

Key words : method validation study, pesticide residue, multiresidue method, GC-MS/MS, matrix effect

1. FL®IZ
BRFEAEEICED BN TV DK EAE~DES

(ZDWTHIWT 24T 9 7B RS ORBRIC SOV TR,

MR ICER R T 2 B3R B3 2 Bk D 2 Y
P T A KT A > ) (RAEFBE EREE LSRRG
ARTRERA. Rk 22 4212 H 24 H. 2% 1224
B1aD) (UF IHALRITA42) &) 12k
0, REBREOZYMFMZ EMT 5 Lo RD SN
TW5,

YT CIL, FREEER - F IRV 2 RER
Bl T AR~ NI T 7EESHE (LT,
GC/MS £V D) ZHNWTWER, SRICEEIC=
BN EMA T 2 7 v~ h 7T 7 EBESNE (LLF,
GC-MS/MS L\ 9H) IZEH LTz,

PEFD GC/MS Tl b i 2 v CREAM
EAToTlo (LR, THERIE] EvdH,) B, 7T
JRABIH O~ RN v 7 ARIC LD EREYET
DRMEK TN LD, A KT A 2 ORPEE T2
SV EIES | B B AR 20 7 S 20 RIS
L o1z, TDOOHT-IT GC-MS/MS Ti, &
BEOBTALEL 711306 D GC/MS THMT L7-I &
[ LU TGC/MS IZ Kk 5 EHED —FRBRIE Y (B
W) AT L=k (X 1) THE L7z,
~ bV w7 AR EGIET D720 KIFSLARK
BT ORE Ve HIC, NEREEE < b
Vw7 A~y T ZEORIEIC LY E &% i

THZEE L, MEBRIHEHATL N v 7 X
EHRIZITIAYED & D TR DB Y 2 — A &2 W,
PRI I BT AE T O#HE Y2 5EI2,
VUMY 72= VRN U Y 7TFLDRE
W & T2, GC-MS/MS % U 7= AR YE 2 i
LR 2 —RLb~ N v I A~y TF T
W, UUF L L35,

KR TIL, BT GC-MS/MS Tl 7 RE 73 f 3
235 fhH 248 FRATICEIT D, BEY T OFRE B
EBRIEDO Y HOWT, A KT A4 S
REOED OFMEZ2 1T > 2R 2 HET D,

2. EBAE
2.1 #H#
REMEWIL, TA KT A4 OBIRESEIC,
Yok, KE, ¥y Tl x, EohAaz
I, VAZKERLVECOH THBEZERE L, 72
B, ZKEOKRGIIHREFTENRRER D720, 56
LI HEBRLS 5 dh B &2 2 Y HEFEHIEEBR O X5 &
L7,

~ M) v A=y F U TEORBERICHERT S
BT 2 — AL, = b ICA CAEDOE R 30 fE
&AM H 5 HIRECEE v,

2. 2 BERRRUAE
AL, PR bR A A R ARIR S AR YRR
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#_ B 209

—EIRIRAWRASIN (30 minkf )
—7 k=KL 50 mL

BFEYFA X (2 min)

5

E KT =R 100 mL)

o

TEh=RVE 20 mLoy HR

ML RIv A 15
VU PRAREE 20 mL

#L5 (10 min)

@ (7Eh=RIVE)
—IEKFREEES R 20 (15 ming#iE)

5

i

?;;%f\“a"%
VAR (7ER=R UL (3/1) 3 mMLICEARR)

¥ H(InertSep GC/SAX/PSA 500 mg/500 mg/500 mg)

—T7Eh=FULTr 10 MLTCHTLBEG
AR EEANT (50 mLY AT TRIT5)
—T7Er=RLMLTy 20 ML THH

s f\”a’| HE

E R (TERANTY (UL 2 mLIZEER)

BRIAR

1 —FaENI70—K

% 48, 63, 70, 79 K UMKHSE T3R8 PL
RS2 R L, OREIR A EERIK
63+79+PL R HIR S IEEVIR] (%557 4 ppm (77 &
Txz— bk, TEXZITU REOAZ I RAHAAITH
20ppm) T b/ FH IR (1/1)) . @EFKIE
BIEYEIR IR 48+70 (557 4ppm 7 & b o/ ~F 4
VIR (11)) ZFREL T,

TuETF FRRERE OB RALVT 7
COREYESIL, BT A L ARG SRR A
ZEHA L. 100 pg/mL (2725 K 9127 & b TR
R BRI L LTme 20 2 DOEMERKILT &
b o~FH iR (1/1) THRL T, 2pug/mL i
L7,

MERAIRGEERRIL, LiO+7 e 7T R
PiRFR (T8 b o/~FHhomim (1/1), @+t

ey R2ALT 7 (7' b v/~FH 3wk (/1))
ZWEAR LT, 0.02 pg/mL~0.80 pg/mL % 7
L7z (7L, 7E7=—h, TRBZIFU N K
CAF I RARALS ER),

WAZHEIZ I, WAL TEMBO U VY
Tx= VKR N 7T (GRICME >
99.0%) MW, 2 >OFERELEZEA L, TE b
VINFH U (1/1) TO02ugmL 272 b X9 A
WL, WIEMEER Z R L7,

K& 7 Z 0% InertSep GC/SAX/PSA 500 mg/500
mg/500 mg (GL Sciences #) % Fv 7z,

FERUK ORI X, Milli-Q 3 27 2 (Millipore,
Synergy UV) % H\ 7z,

2. 3 M’

ATV AP — : T25 ULTRA-TURRAX® (IKA
-Werke )

BAEEE o — 4 U —xT K L —F —R-200
(BUCHI #)

2. 4 RAEEESLVAEEH
GC-MS/MS %£i& : 7890B + 7000D GC/TQ (Agilent
Technologies %)
GC-MS/MS HlESM A2+ 1127 T,

&1 GC-MS/MS BIE F#H

7

BT DR

VF-5ms : 30 m, 9250 pm, 0.25 pm
70 °C(2 min) - 25 °C/min - 150 °C
(0 min) - 3 °C/min - 200 °C(0 min)
- 8 °C/min - 310 °C(5 min)

250 °C

FEA DR
T F A
aYYarHA

A A A=K ()

He 2.25 mL/min

N, 1.5 mL/min
EI+ (70 eV)

EANE—R SV ARATY » h LA
NTZURT 7T A Vi | 280 °C

A T R E 320 °C

it & VFrvvavifbiayx oy

A, Z7aLEYRARAF LD
LREFIERT = 17.5 min CH%&

2. b HREBBRFEOANSGE
2. 5. 1 REBRARDAH

B 1oEIh EfE L7z, FREORE IR Z Rk
HE[E T, 78 B o/ R ETRIRIC LV EREC
2mL & L7z GRERVAWE : 1 mL 470 30k 2 g 41
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2. 5. 2 GC-MS/NS BIERABRAERDAR
ARBRIAR 50 uL X O'WARHETA R 50 uL % IEfELC
BA L. GC-MS/MS JIERHK & L1 (GC-MS/MS
BERR - 1mL 47= 00k g 4 E),

2.5 3 AAT MY Y RBERDRE

~ M) I A~y F U TEORERICERT
LA~ MY v 7 AT, B 2 — 22N
T 251 HEFRRICTE L, R OB il % IR
MERLIE %, 78 b /TP ARBTRIRIC LV EE
WZ1mL & L7e GRERTEHE : 1 mL 4720 akkl4 ¢
FHY &),

2. 5.4 RAAT MY YO RRMZESROFR

B IR A EREYRE 25 L, WA~ Y v 2
AVEHR 25 pL L O\WEE VAR 50 uL % EfEICIR A
L., WA~ RU v 7 ARNMEEARERR E Lz (JLH
~ RU w7 ARIMEAEER - 1mL 7= 05k 1 g
FHE ), % OARIEOIREIT 0.005, 0.010,
0.020, 0.050, 0.10, 0.20 pg/mL & L7=,

3. FELMHEHE

TR ERBR I, 0.01 pg/g KN 0.1 pglg D
2 REWRMEZ, REFEOEDIZONTIIONTE 1 4
DOMFTH 2 TS5 BRI 280 ikl & E i
L7z,

0. 4 pg/mL XIE 4 pg/mL O REIEIE A EEHEEIK
(7' ho~FH U EAGERKR (1/1)) 0.5 mL %
ERCRBHCHESIN L, 30 2@, 2.5.1 HE
[EARIZ BB AR & R L7z,

4. ZUMFMABRERRUER
4.1 BREROERM

WH~ FY v 7 ZIRIEEREVEHE D 0.005~0.20
pg/mL @ 6 R ORE TREMMEER LTZE 2 A,
T RTOBERLS T 12=0.99 LI D B2 BN
Bo RERARBROBEIEM IR b2 o T,

4. 2 EIRM

BREMD T 7 v 7 BHERICB W T, E&%
BETLE— 7 mfEN, EERARE (—AAYE
® 0.01 mg/kg) IZHYET 22— EHED 1/3 K
MEIMERERLIZEZA, REGERDH LI
HEY—713A5NnT, Wb BREOE, %
7z LTz,

PERIETIX., Bl LE T W TR 27
STehoBHENELL, 7EXITY N, Tk
TJo—h AV TRILT, T aF S —),
TNEAN) Y RXRUFLAFTIINT | RXT 4 A
2 YT Y v AEEOHERS DR L,
GC-MS/MS (%, 3 SO EMZ FvT H AR
720 % BRI R 2R I E OV B Rk 2y D F % i HY
T 570, GCMS L0 BIRMEITENLTE Y, 163k
HECITRIRME A2 S o o B3Ry | #iE TR
EPRPEICREIT o T,

4. 3 TEERR

EERFEE (—EEMED 0.01 mgkg) (THHY
T 5. 0.01 pg/g MAAEHEIE N BB O D E— 2
N, SINZ10 THIMNE I NEHBLIZEZ A,
F Y RXRYTEF T X LR 7T LT = R,
ENWL I EPIEINAZ D TEIF Y ¥
LEVTIET®EXI7Y R, 2L TRENED
S THBITARTTEITHX A=AV EOF ) AT A
J— F23 S/N 10 Kiii CHEEEZ 72 S oo Tz,
4. 4 EERURE
B ([EUER) R OREEO BIEEZ & I
LTCWBREER S Z#EE (R 3 HFIZO"TrRT,
LTFRER) . HEOBEMAHIZL TWDH DD
BN 65 %~ 125 %D BRI 7 200w G (“A”)
FEE O BEME 272 SR W ITEEN 65 %~
125 % & VT R IR o & RS (X)) & R
L7,

FTAM U 72 23K 235 0L H 248 Al D 9 5.,0.01 pglg
J V0.1 pg/g OEEANGEE T HEEIZES LT
EHDIE, ¥y XY T230 (HDBHTAAT 3 L
5y AFIEAER) . i3 L 2 T231 (AX3), 139
WAZE D T204(AR L) . D ATT221(AIT14),
LEVT217 (AX17) Eotz, BEEOHEEIC
WA LB ZHIH TR L& 2 A,
2R T E B MR EIZB W TRENIEY
5 BET T TEMAR b,

=, FXXYTI3, ENWL LTI, 1ED
NAZEHTL6, DATTIS, LEVTI19 OEEK
By A, MR C HEEICAR#E# G Th o 7o,
¥Rz, 787 =— b, BT HEBE—N, X)) XAFF
F—b, XX THL, Vak—L, ~AFYIon
NPy, AZIRFADTESITHONTIE, R
FHHEW 5 BT R TICBWTAREA TH -7,
BELATIT DWW TIE, T TEBIRBRE (AR
BrRik) MNBIRED SN EEEY D TH DN, I
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x2 EEOBBREICES LERERIBOLE

B3k (GC/MS) #r (GC-MS/MS)
FEPEM A [ At i Bt ] [DFHIE]
0.01 pg/g 0.1 pg/g  0.01 ng/g 0.1 pg/g

XY 51 213 232 229
v L ok 123 223 232 230
EINAZ D 202 225 205 230
DAZ 131 220 208 231
LEY 144 225 200 227

RIETITHELSNEREZEETH Y . FiEITBNT
LWENRLONRN -T2 e, —HFOHET
VETE AR R RE 7R B2 K & L 7=,

ZOMIZh, FFIZIEI NAE D ITB W TIERE
T 50 %Rt EARWENEEL R LT 47 =
NV TNE, FETH 50 %A O W ENFEEZ R L
7o FEEIZIZ D NAZ 9 TOREILER K- 7=
NRUBEAFTINTRERATFAINVTIL, =F 4
Tz AINT ERUL GTNICERE/T H 0 —
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A validation study on the multiresidue method for determination of pesticide residues in
agricultural products using GC-MS/MS with general matrix standard solutions (vegetables and
fruits)

Takafumi Fukushi, Ryuji Hanaishi, Juri lwadate, and Akemi Yamamoto

As the measurement apparatus for multiresidue determination of pesticide residues was changed from GC/MS to GC-
MS/MS in 2019, a validation study was conducted on five representative crops according to the validation guidelines
of the Ministry of Health, Labour and Welfare. With conventional GC/MS, assessments were conducted using an
absolute calibration curve method. However, there were many pesticides that had a problem with selectivity or did not
meet the target accuracy because of interferences in the sample due to matrix effects. Therefore, to avoid matrix effects,
an internal standard method with matrix matching was employed for GC-MS/MS analyses, and versatile, commercially
available vegetable juice was used for calibration matrix solutions. Compared with GC/MS, GC-MS/MS had
substantially higher recovery rates for all five representative crops. This suggested the usefulness of matrix solutions
prepared from vegetable juice that can be used for analyses of a wide range of agricultural products.

Key words: method validation study, pesticide residue, multiresidue method, GC-MS/MS, matrix effect
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Analyses of lonic Compositions Contained in Precipitation in Aomori Prefecture

Ryuji Hanaishi, Ikuyo Kudo, Maiko Tamura, Mamoru Sasaki

From FY2007 to FY2018, tri-linear diagram plots were made for the amount of non-sea salt (nss-) ion deposition in
precipitation sampled at Ajigasawa Town and Aomori City, which are acid rain survey sites in Aomori Prefecture. These plots
revealed seasonal variations of non-sea salt cation composition ratios. On the contrary, the anion composition ratios scarcely
varied seasonally at the both sites. It was also shown that the N/S ratio, which is the ratio of NOj5™ to nss-SO4*, gradually
increased even after FY2008 when the previously reported ended the investigations. Furthermore, by a single correlation
analysis of non-sea salt components, it was estimated that the chemical forms of ammonium salts were almost same in
Ajigasawa Town and Aomori City. Finally, a multiple regression analysis, using the variable selection method, was applied to
the amount of hydrogen ion deposition as a dependent variable and to the amounts of other ions deposited as independent
variables. The analysis results suggested that the relationship between the hydrogen ion concentration and the components
formed after neutralizing acidic substances in precipitation differed in Ajigasawa Town and Aomori City. Through this study,
the present authors could consider the characteristics of the ionic compositions of precipitation in Aomori Prefecture by means

of the multivariate analysis methods.

Key words: Acid rain, Tri-linear diagram, Non-sea salt, Ammonium salt, Multivariate analysis
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B D, HXFRZOEIBIC LI VR TE S, T2
bbb,

2

var(¢;)
¢

0i

7

var{(C/M);} = { + }(C/M)L2

TH 5D,

3. CMB<- B[ZDW\T

112, CMB~7 m#&idii L, [~1 etk
E (REFERMEE S Te) | RN L2 & 28N
L. FIHESADNZMRST XA T 0 T ERT,

1 OWFRINT — Z FRHTIC DWW TR, AT
bR N e L REHTIC L CRER L72vy,
i 13X MCMC FHRE&EZ HRTO T X
#at MCMC O FIERE] TRETE 5, BEEET
DLL(C S35 Ttk L. VBA D SIFOM L CfEA)



EHATHHEEICR> TS, K IR ULEEE
OB ETIE, B L — MIFHERRZ IR
% & 9275 TEY, OK 4 & CMB #5235
BT 5,

4. HEZXIZKEDVZalL—v3 Y
41 22— a>vOEB
ZITE BERTe 7 AN EFEEIE L
T, ABFIED CMB 1E8, RABEPFIET D
G LWnWgE e T, BAERT G R ELZELL
B TEZ DN E I D, BIKT 5,

4.2 AWERERTO 7741

BREZE NANFE LT PM2.5 DRATRMEAT IV S
AT a7 7 A 20 Ik FHAOMHEBEGRED 2
FN 0.6 ZBZ2NE D&, BERBIEMNIMEN B
HEBEZ, INOLERBELERDIBEER 07 74
Nl Lz, 728, ORI, BREGYD
B S OCFREB IR E T, BERT 0~
FANWETIHFET DO TH D, £ 2ITHAER
a7y A INVERT,

R2BEERTOT74A4IL (B : mg/kg)

JLF A B C D

Na 12500 13600 10000 120000
Al 61100 9990 2100 4200
K 12700 13200 850 200000
Ca 55200 45100 850 11000
Sc 13.3 1.32 0.09 0.46
Ti 5050 1000 740 900
Y 108 125 6380 27
Cr 279 3160 210 850
Mn 1060 22000 120 330
Fe 53100 157000 4600 6100
Co 21.7 44 31 21
Ni 80.3 2900 3970 0
Cu 268 3700 1 3600
As 11.3 103.6 23 150
Se 1.43 51.1 48 0
Rb 55.6 76.8 2 260
Mo 8.55 0 0 0
Sb 13 90 6.9 952
Cs 3.59 3 0.1 12
Ba 499 500 1000 390
La 31.3 9.75 40 7.7
Ce 59.9 68.7 70 170
Sm 5.93 0.212 7.6 0.46
W 11.6 47.4 20 100

BRI U723 EIRIT, A GEEEY CA) . B (88T
%), C CAMREE) . D (BEEWHEH) ThoT-,
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FHHTIL. Na, Al K, Ca, Sc. Ti. V. Cr. Mn,
Fe., Co. Ni, Cu, As, Se. Rb, Mo, Sb, Cs, Ba
La, Ce, Sm. W D24 THEEHHA L L1,

4.3 >32aL—YarvDAE
(WD EHFEE T NITET D R IT O R AT E
5% KIDEBY | QRMBERDTFEHR/20
G BLON (b)) REINFBAEREDTFET HHEITH

Ebto:@%ﬂx\(nt@ﬂ7% 21X, ny—
1=24, nj=4 75,
E2ICRLERER a7 7 A A6, T2
FINCRAR AR LT, Bk gg OFEFRLE
OATHNE x LT D, Flo, K3 DOFHERTEMEDON
J hVE 0 LT5,
VIalb—Ta T RIBAERD m FH
DACFFEDOMR @, K2 OFRAERT 07 7 4
AN

W = 0.5 X min(Xm 1, Xm 20 X3 Xma)

EERE LT, INEH(LR glg TERICREONY
RS, REFEAEFHERZ MV 0 TH D,

Z 2T, RERAFHR O EIIEEMEAE
TET D08, AMED X H1c, BERT2 77 A0
@ﬂﬁﬁfﬁ$ﬁ%ﬁé_t X, 2o e 7 A
IMTINZE N DHNIRT SV OFTRTIZEARRT D
R MV EBRSAEMIC O’ D, Lo T, RN
HAERDOMEAR Y MvEk, BERTa 7 7 AL E
DL BELRENRTNE O L L TRIR L LR T
x5,

ST, BREGROBASO(LFERE Z ([23f

EREENROGE, (VRO CMB O EERIIK
KTRENS,
Z=2x0+w(l-1,0) ®)

AR T EMREBEENT RETHLN, 2
ZCIEfEELC, #PH [—0.5,0.5] O —kEELE AR Bk
IZFfHOX7 hvE R &5, (8)X > CMB e
KIZZNERY AN DBEORE %2 R KT DR
F& f L LT, BREGROBINR O FEREE
DRTIFEEEBL, Q)RXDZ FLD m 170
BEHRERDO)NTHET,

Zm = {(xo)m + wm(l - 146)}(1 + me) (9)



IIZT.RAFE m T m ATOEHEETFT,
F o, BEBEROBRLEOLFFEREDNNT Y

om = {(x0), + 0, (1 —1460)}
ERE LT, AT O QR AR T D,
MCMC #51Z, burn-in [F1%% n, = 800 [A], H
—HHERIE A n, = 1000 [A], % EESIER A
ny = 10[B[ & L7z,

Fio, wavEICBW TR, ERTHEEA
B DFHREFE BN ERTOF EAE RICRE < B E
N5, ZhxEET 570, H—@giko~/a
7T E DMK (ngep [B]) %221 CEHAERM R
ZERLT, T 7 A afEsicti Lz, 4E
lE. Ngep = 10[A1E LT,

4.4 22 L—YavDiEREER

#3112, £=001 OHFAD, (a) RAFEFRD
FHHENRWEA, B (b) RIFBAEIRDPFEET
L5H ORERTFGOHBE, BLOEDOZR
L7e £72. #2412, (b) DA OO A
~ LT,

x3I RELEREERFEEVIaAL—Y3 VI
FHBHE. BLUVZDEE

(a) RAMFELERFTENGNES

FBAERTS (HERIT)

e
Y wEm mam s
@ B (B/ax100%)
A 0.82 0.825 103
B 0.1 0.0987 98.7
C 0.075 0.0713 95.1
D 0.005 0.00422 84.4

(b) RHMRERODFELHDIHE
FAERTS (HERIT)

<
Y wEm mam s
Y@ (B (p/ax100%)
A 0.42 0.406 96.7
B 0.1 0.101 101
C 0.075 0.0778 111
D 0.005 0.0172 344
ARHE 04 0.398 99.5

F3INDH, RABEROFESNLOHE () I
1. FEHEOBEBEN 100%2E0r->7-, 72720, R
HAAERDOTTE 35 556 (b) Tk, 20WGEH &
D EFGHEOEEN TR, FFCFL O/

SWFAPTEDOMFAPHE ThH -T2, ZDOZ &
. FENNSWIRAETROHEEIZEB W T, CMB &
RTHEZONDEROEED, F/NDOFLITHT
LHEEELTHIONDFHEDOXA T Iy LY
(BhEIPH) DR EWIGEIC, BUERHROEE N
BAFIZRRFEES LD E D I OWGER L EE /2 = & %
REELTWB,

K 4 RAREROHFEZRELZIZED T DM
BOBHRE. $FLUBHEE

gt WREHE AELE B
#  (a mgkg) (B mgkg) (B/ax 100%)
Na 50000 45700 91.3
Al 10500 10900 103
K 4250 0 0
Ca 4250 4180 98.4
Sc 0.45 0 0
Ti 3700 3000 81.1
Vv 135 0 0
Cr 1050 806 76.7
Mn 600 0 0
Fe 23000 21900 95.1
Co 105 90.2 85.9
Ni 0 0 -
Cu 5 0 0
As 56.5 41.8 73.9
Se 0 0 -
Rb 10 0 0
Mo 0 0 -
Sb 34.5 0 0
Cs 0.5 0 0
Ba 1950 1660 85.3
La 38.5 313 81.3
Ce 299.5 259 86.4
Sm 1.06 0285  26.8
W 58 46.7 80.5
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F 40D, REBEEROEFESNEFET HHA.
O (REE) OBREMN 10mg/kg LA EDITFHE
I FEAEITOVTEVWHERENE SN,

UbDyIalb—yarnt, AHFFETHERY Lk
P72 CMBIEDS  RENFAETROF TIZ Db 5T,
Z D53 L ONLRR A 1a BT 72 FEELSR CHEE C
XD ENRENT,

5. EflT—2~DIGA

51 REFZEOBARTOT—4

AHFFETIE, FRARRILRTTH O ST/ INFERR TH v
TV T ST PM2.S DRy S ATRE R A T,
FHAIL, 2019 4 5 A 8 HIZ 24 KT >7=, % S
WZTLHRIRB LOEMRB LR, A F o &
EBEITRICONTOGNHRERZ . BTG OB



JOPEE L U ORY, “IRAERKIFICHFKT S L
£z 55 NHs, NO;—, ClI- BXW S02 &5
ToA A RS DOPEFE 1L, CMB AT IZIZ AV 2o
oM, FERTFG R RT DHE 6 ITITEY AT
W5,

CMB FHEIZE T 2 IEM O 21, E &
TIRO 10530 1 & LTHE L,

5.2 CMB;ZDERAEREERTO T 7ML

CMB ZAEJFMEATIE, el D72 6 | AFmSC TRl
L72A REBAYESIZHI 2. BAFR L OFE N
fAFE L C& e~ 7 niZ@ N5k DMU->0D CMB
HETiio7z, T72b5H, EVLSQ i (A2har i/
TR CADOFRGEGZDRAEROREEZITo
72 5 IE(EVLSQ-EN), B L WiThbZehro = Fik
(EVLSQ-ALL) » 9 JE4 ) R fiw /) — 3 15 (NN-
EVLSQ) 7., FEMIE i { bk 2 F O 2 i B VE(MLM)
 TIToT,

CMB fi##T FH DI AT 1 7 7 A WE, 3 Tlodk
HEEINTHDEH0 19 ZHWE, 2T, BES
O BIUOHEE 2 I2L5bDTHD, 51T
neoru 7y A NVERLE,

A RPEICFIT D MCMC 1L, burn-in [F13
%nw=mM]$=$%EE§%nﬁ=mmE

AR A ny, = 10 8], BRHAT 2 REZ
Ngep = 10H1E L7,
53 HRBLUBE

F 612, WH LK TIETORAER T L LT
® CMB #HEFREZ RS, £, M2 0M 777
X, £ 6 DHL, ADHFE %5 %72 EVLSQ-ALL
ERE ERNOHEALZHFEOLERLTND,
22T, REBERETELIX. 1 DOEBAERTS
%;U%ﬁyﬁﬂwﬁﬁwﬁ%ﬁﬁbfﬁﬁbto
BHGOMMN 1 2B 256, T ORMBERIT
FHERTZ 70 & Lﬁbto

EVLSQ-ALL O H{EEZHWD & & 6 1ITR-T X
I, ADBEREFEGNELNTZ, Tz
Z D PM2.5 OFT — X fENTTIX, HFADFSEE X
BH1E/D CMB HEDOF AN S iz,

ORIV 26, #HLZ CMBIEIZLD
B ST BERGEENBOLNTEY . 202 &
M5 & L7 PM2.5 DF — &t v hDIAEJR S
n774»ﬁ@ﬁ%@i$ﬁ%€b%%ﬁ?ﬁm

(ZEIEBIERFET D) 72010, BiEFHE R
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W2 Z L AR L, 20X REE. £
B AEERME DB RN T & B A RYEINARFE 2 %
HIaLtEZLOLND,

(a) BAYES (b) EVLSQ-EN

(c) NN-EVLSQ
u BB A
BiE
el T3
Pyt Ay
= BRG]
= BENEHEIR
A& TL—FHUA
w2 R
LRACICh V)
m iEYIE PR
®Hi
= NH4+
NO3-
S042-

cl-
= RFZFETR
2 ATEED OB SHETHEONE-REREF S,

(d) MLM

#6172 CMB BHEFRDO I B, A Xk
VTSGR R TR A R & Ze R
HROEDHEGZ 525 LD L& 7= Hi%
RFo Tz,

FIARD A ZIELSL D (LSQ 72 & DHERETIE

BRBEIE Y OB COALFFER 2 Y i%ff@
U7 (HLAL : g/g) ICHR L (BAF, THR R )
EE D). T, RABREROGFEEZIEETIC
CMB #5217 9, Z OWBEREDE 2 13 hRET
NOEZERLTHD, ZOLE, RAOFEAEFRD
FhHIX, IE LI RBAETRICE VRSN T-FHS50E
FE 1 LEE LMEE AN D

—J5. FARIZE B ZIEICHOWT (DR D
CMB ETVE(10)RD LBV ERT, T7hbb, %
EROFTE%E 6; (1 <j<ng). RAFAETROME



w(1<i<n—1) 95 L, BREGROBH
RACBT DLFFERE Z, 13, FDfR%E ¢ 0%
B L T2 EBDAZ 723 & LT,

( >+ﬂ (10)

L%, TIT o x; 3RERT 0T 7 A NDITS
HETH D,

iz, #Ekiko CMB 7 AL, BoENH
H5% 6 (1<j<n) £T5&. ROANATES
nNo,

nj

Zi = lejej + w;

j=1

nj

1—2@

j=1

nj

Zi = lelejl + E{

j=1

(11)

ZIZT g IFRREHTH D, WE0)(11)A Lk

ERARN
inj9j+a)i 1—29] +ei=le’j9j,+elf
j=1 j=1 j=1
Thbb,
nj nj
le](9]’—9])=wl 1—291 +€i—€£
j=1 j=1

FEWRT 07 7 ANBIOFE, REAFEAD
REATHNIB LN T MV TERET D L

x@’—e):w(1—1m0)+E

ZIZTOEEDONRT MLE E L LT, TDEREE
€—¢€ & LT

1780 x OYATHNT—MANTITFIEL 22V, L
MU, FREMEREERT 5 & TR —ik
1THERDEND, T7bb, BHRITH U, V %
HAWg & FRERES R,

x=UZV!
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YRS, Z T RIEE {55, ) £LT,
ss 0 O
0 ~ 0
=0 0 s,
0
ThHoD, KT,
st 0 0
y=(0 =~ 0 o0
0 0 s,{}.l

L. BEEATHIOME U =0t v =Vt &2
WH &L BTl 2 1

x' =Vr'ut

L ERIEIC(12)R AN 0 7o,

0'=0+xw(1-1,0)+xE (12)

(12):\r B PERIETHR O DL AT O FF
H 0" 13, RMBERTL ZET DA AET
BONDBEREART S 0 12, REMFAPH K

OWEOBHE 725 xo(1-1,0) B LU

-
—

BT 2HEEMZ 2D LD NS5,
Tbb, PEREE, BEAFEAERICR LT, K
WERDOWBE G HFE 2525,

ks, BURTIE, REBEROEE & ZD
R OHETE I, FARD A RIEIC L > TORAHE
ThdEsEx5, ZOHEE, &M [0,1] ITAD
WERFGE 525, BERTFENZOFHMETH
5 Z LT BREVE Y OB ST DHRREIREE D,
BAERICBT2REDO OEUEIFEUTTHD Z
ERBER L, FEAED O SRR AR
ZEIN, BRESTIC, BEHROBIAAIZE]
ET 5LV PEMICEENRNATHD, T
Wz, HIARDHIEZX, WEHIZRS IR TE 5
FAETRNTAER 2 525, 7B, #EkRETIE, %
ERFELHICEREZHRITTELT, R T—XITX
ST, FATH-TH 1 2R DLBAEREFSN



BonosZenbd, AIFETHE 6 ITRLIC HLT, 1 ZEALDFGNIH/OLNTND, ZDX
EVLSQ-ALL O J5{£7C, FAP T HBYHHET X | (2 O 7t WARIREDFEAERRE 2 LR S 720,
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x5 BEFEOBAROELFERELRER IO I 7ML, REFEOBRA[ADCHEREICETSH” Sd7 X, AEEDREDFREREELEKRT 5.

AR 1 7 7 A /L (mg/kg)

BREEE OB S O

T H it P i FETTH) HEiE A Y& O AKE R L W WEM(pg/m®)  Sd(ug/md)
BULA r¥ R BE B A TL—% B A RBE
Na 12500 304000 13600 10000 120000 76.4 9200 7200 100000 6500 72000 0.457 0.0014
Al 61100 0.29 9990 2100 4200 1570 49000 6100 300 63000 75300 0.0974 0.00098
K 12700 11000 13200 850 200000 197 8060 3300 72000 370 22100 0.0963 0.0002
Ca 55200 11700 45100 850 11000 1460 12000 79000 7600 420 30400 0.073 0.0013
Sc 13.3 0.0012 1.32 0.09 0.46 0.119 2.3 0 0 0 15.7 0.00002 2.2E-06
Ti 5050 0.029 1000 740 900 146 3000 0 0 0 4150 0.0059 0.000067
\Y 108 0.058 125 6380 27 7.25 110 0 3.8 0 111 0.00107 5.4E-06
Cr 279 0.0015 3160 210 850 11.6 340 720 75 0 97.5 0.00031 0.000048
Mn 1060 0.058 22000 120 330 19.3 1410 540 84 10 826 0.00308 6.6E-06
Fe 53100 0.29 157000 4600 6100 989 76600 32000 1200 100 45100 0.077 0.0014
Co 21.7 0.015 44 31 21 1.47 20 1000 1.2 0 20.1 3.03E-05 1.4E-07
Ni 80.3 0.015 2900 3970 0 9.89 260 0 29 0 54.9 0.0004 0.00013
Cu 268 0.017 3700 1 3600 113 8700 0 110 0 113 0.000742 8.1E-06
As 11.3 0.029 103.6 23 150 3.69 100 0 25 0 22.4 0.00195 2.5E-06
Se 1.43 0.12 51.1 48 0 1.67 20 0 0.20 0 3.15 0.000673 2.2E-06
Rb 55.6 3.5 76.8 2 260 0.49 34 0 130 0 112 0.000321 7.1E-07
Mo 8.55 0 0 0 0 591 512 0 0 0 11.9 0.000177 1.2E-06
Sb 13 0.014 90 6.9 952 19.6 4200 0 0 0 14.8 0.000304 1.2E-06
Cs 3.59 0.029 3 0.1 12 0.0745 3.7 0 0 0 10.5 3.62E-05 2.8E-07
Ba 499 0.86 500 1000 390 98.9 18800 0 94 0 609 0.00116 4.8E-06
La 31.3 0.009 9.75 40 7.7 0.341 7.5 0 0.11 0 62.1 5.64E-05 5.2E-07
Ce 59.9 0.012 68.7 70 170 1.08 24 0 0.25 0 108 0.000107 1.2E-06
Sm 5.93 0.001 0.212 7.6 0.46 0.0304 0.43 0 0 0 8.05 7.6E-06 5.2E-07
A\ 11.6 0.003 474 20 100 0.686 9.6 140 0 0 3.38 0.000044 1.8E-06
NH,* 1.08
NO; ™ 0.59
SO2~ 3.19
Cl™ 0.078
B ERE 12.9
=6 HiEFED OB HRAEFRRBINICEYEONE=-RERSFTE (XU,
TH T fzs A BESEN) HEEHE 2 Y& A RHER  RHE e b NHs  NOy~  S0¢~  CI” H A
WA T¥ I BeH 5 = TL—% oz IR0 A
Wi
BAYES 0.0627 0.0000 0.0000 0.0000 0.0034 0.0000 0.0013 0.0000 0.0709 0.0000 0.0414 0.0837 0.0457 0.2473 0.0060 0.4376
EVLSQ-ALL -0.1783 0.0968 0.0107 0.0107 0.0073 1.3032 -0.0041 -0.0006 0.0450 0.0257 0.1963 0.0837 0.0457 0.2473 0.0060  0.0000
EVLSQ-EN 0.0000 0.0882 0.0070 0.0102 0.0108 0.3303 0.0000 0.0000 0.0481 0.0000 0.0817 0.0837 0.0457 0.2473 0.0060 0.0410
NN-EVLSQ 0.0000 0.0877 0.0070 0.0103 0.0107 0.3260 0.0001 0.0000 0.0487 0.0118 0.0807 0.0837 0.0457 0.2473 0.0060 0.0342
MLM 0.0048 0.1105 0.0085 0.0087 0.0133 0.7529 0.0020 0.0014 0.0860 0.0906 0.1091 0.0837 0.0457 0.2473 0.0060  0.0000




R BEFREOBARDRE. "M XETHLONERE. BLUZTOLOLER, TUITRMELERDIETE
R, RESFREOHURADREICESITS” Sd” X, AEREDFEREETT .

BRERH R OBLHLEORE (ug/m?) RENFE AR (mg/ke)
JLE FEHEM) HEENE(C) C/M(%) HEEfE
FHIME Sd HEEME Sd FHEE Sd HEEfE
Na 0.457 0.0014 0.451 <1E-14 98.6 03 31900
Al 0.0974 0.00098 0.0909 <1E-14 93.4 0.9 0
K 0.0963 0.0002 0.0963 <1E-14 100.0 0.2 0
Ca 0.073 0.0013 0.0685 <1E-14 93.9 17 0
Sc 0.00002 22E-06 192E-05  <lE-14 96.0 10.6 0
Ti 0.0059 0.000067  0.00639 <1E-14 108.3 12 0
% 0.00107 5.4E-06 0.00102 <1E-14 95.0 0.5 82
Cr 0.00031 0.000048  0.000389  <IE-14 125.6 19.4 0
Mn 0.00308 6.6E-06 0.00302 <1E-14 97.9 02 151
Fe 0.077 0.0014 0.0697 <1E-14 90.5 1.6 0
Co 3.03E-05 1.4E07 3.06E-05  <IE-14 101.0 0.5 0
Ni 0.0004 0.00013 0000126  <lE-14 314 10.2 0
Cu 0.000742  8.1E-06 0.000680  <lE-14 917 1.0 0
As 0.00195 2.5E-06 0.00193 <1E-14 98.8 0.1 177
Se 0.000673  2.2E-06 0.000651  <lE-14 96.8 03 61
Rb 0.000321  7.1E-07 0000314  <IE-14 97.8 02 8
Mo 0.000177  1.2E-06 0000165  <lE-14 933 0.6 14
Sb 0.000304  1.2E-06 0000292  <IE-14 96.1 0.4 15
Cs 3.62E-05  2.8E-07 334E-05  <IE-14 9223 0.7 2
Ba 0.00116 4.8E-06 0.00115 <1E-14 99.5 0.4 0
La 5.64E-05  52E-07 590E-05  <IE-14 104.7 1.0 0
Ce 0.000107  12E-06 0000114  <IE-14 106.7 12 0
Sm 7.6E-06 52E-07 9.12E-06  <lE-14 120.0 8.2 0
w 0.000044  1.8E-06 256E-05  <lE-14 582 2.4 1
1£z¥85;>c§£82623§§£8£38§§
8
A

_ e o RET

§ 0.01 - s A ® BAYES

E’; = & A é OJEVLSQ-ALL

gz 0.001 4 0o & % T & EVLSQ-EN

NN-EVLSQ
0.0001 -
A A MLM

I5—we
() 2
— ) ]
=
=

a
A
@)
0.00001 - n ” H
0.000001

3 51D CMB A TR E SR

& RADERRFLEOHARDREEDLLE,

X

W BRI IEIR NS IR & 72 B AT,

3TCIE, SHEFEDO CMBIEIZ LV GO, &R A RYEIL, CMB FHHREIZEBIT 2 BREEI5 Y O #LH
B ROBIR R OREHE/RR LR LT, & 7 LD EHEE ME O LSQ (/) 3 #E) <° MLM
1L, XA X CMB TRt S -8 EE5 Y OB BEEOOBOTEMTHDL EWVWHFLEEFFSZ &
ROPEEEFRNE & HEEE, 206 O FERMEIZ WG, Thbb #£7 K3 IRLEZE T,
L, BELORZ OFETHE SN RAFE LR OM Cu 75 Mo DIt D BRIFTH YL OBLRI S C ORI JE
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B, X RETIEIEFICRLS\FHEIN, £,
ZOFEIZEY . REFEEPROME S 5 2 5,
FTIRLIEZEDIC, ZOFITIE, NalZE AT
A HEE LTz,

6. &R

HIARDSA R RHEY 7 v ThH~vA 71
7 ML Excel D~ 7 miZBAE L., EEBEELAEHE
LTz, ZOHEZ, #ET VLD, ERkm
SR OIFAEE HICAE L, ZO%G &%
HETXDLEWVWIEFTND D,
AWFGECIERR Lz~ 7 a2 L W ikA 7= CMB &t
BCTLUTFD 3 SN T2,

) vab—ra ik, BEFROELGOH
59, REFEAFOME E TEHEI T2,
2) R THEY EF 727 —% DR Y TiE, XA X
X, BREGROBIHEOREHIE EN D1
NOITLHFEOMIREREME . FHHE CIEFITEMRIC
BH L=,

3) fERk L7z~ 27 228\ T MCMC FHE D720
M IR LIECCIOR L7e, Bl IX, REFgEof)T
1%, 1000 IOV 3= UFHE T+ 2R % 5 2 72,
ICRASEWERE 1X, GIBFER 040 & L CoEesk
A & B E OFFRIBRIC S W CHUER R 2 e %
HHRHLTWATEDEEZBND,
PLEDEBY ., KHFZIZHWT, FEATRMATIC
H#h72 CMB ~ 7 w ZERC& /o, 2O~ 27 1|l
XU KO IEMERIEAEINT N IREE R oTo &3
25, B X —DONUFIEND 1T, DO~ rak
FIFI LT, PM2.5 543 o3 M Rt 217 - 7.
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Development of a spreadsheet application macro for chemical mass balance calculation using
Bayesian statistical technique

Ryuji Hanaishi

Chemical mass balance (CMB) method is one approach for analyzing environmental pollution based on receptor
models. The algorithm for CMB method established by Kashiwagi (2004) adopted Bayesian statistical technique
(hereinafter referred to as Bayesian method). In this study, the author improved the numerical calculation method and
created a spreadsheet application macro. A feature of the Bayesian method is that contribution and composition of
unknown sources can be included in the model formula for assessment. In addition, the Bayesian method gives
nonnegative source contribution only and allows physically easier interpretation of source contribution than
conventional approaches because it uses composition models. Simulations assuming source contribution and
contribution and composition of unknown sources resulted in a generally successful reproduction of these values. In
addition, the improved method could more correctly reproduce the observed values at the environmental pollution
observation spots than other CMB methods. Thus, usefulness of the improved Bayesian method for source analyses
was demonstrated.

Key words: Chemical mass balance, Bayesian statistics, Markov chain Monte Carlo method, Unknown source
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FEYE L THNTT 5 2 & TEMAERBINARETH D 2 & IR ST,

Key Words : Sake, Inorganic component analysis, Principal component analysis, Correlation
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g AP HEEWH EAK IR+ BAIEE [ dE B ERE
1 ez At FAISEE BB RERFD -12.3 2.2 1.2 0.019
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3 e M1 HRRORDSER ERL MEHD -5.5 1.4 1.2 0.026
4 [E3LE Bit FAISEE  ISEPET  RERHD =-30 4.4 2.3 0.087
b (L Bit  HEAADSER ISEPET  EEEFD -1.0 1.3 1.4 0.033
6 [l Bit FAISEE F oL B REFEO +2.0 1.3 1.8 0.025
7 (3K Bif #EARISEE BAOEE HEFD -1.5 1.4 1.1 0.023
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10 Gl Cit FRFA BIRRE EEFD +2.5 1.9 1.1 0.045
11 TFdb- b4k Dy HAISEE  SEPEF  EEREFO +3.5 1.3 1.7 0.029
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wWEE (mg/1005)

ik  A—h— FEEEH 0 #FREK el Na K Ca Cr Hn Fe Cu In Ho
1 Mt FicKoSEE R REEFO 1.9 4.1 1.8 ND  0.34 ND 0.17 0.05 0.0025
- Mt HRlkK FERE O EEHO 1.0 3.0 2.4 ND 0.37 002 0.13 0.09 0.003
3 HE At HERASEE FRL HEHO 1.6 4.6 2.1 ND 0.39 ND 0.02 0.12 0.0011
4 mEEB Bt  #EKeSEE USENET BEHO 1.6 6.1 2.6 ND 0.383 ND 0.02 0.14 0.0003
5 FEEB Bt  HEKASEE WSENET MAEFO 1.0 254 2.4 ND 0.19 ND 0.08 0.06 0.0003
6 msd Btt PRrGEE oL <H #EFO 1.1 13.3 2.8 ND 0.28 ND 0.03 0.08 0.001
7 mEEB Bt HEKASEE FROER XE¥FO 1.5 107 3.1 ND 0.34 ND 0.01 0.03 0.001
8 muEb Cit  #iKASER SEMET REF¥O 0.6 4.6 2.2 ND 0.33 ND ND  0.07 ND
9 i Cit  #RADSEE HEML O REFHO 1.8 3.7 4.3 ND 0.38 0.02 ND 0.04 ND
10 maab i AR FRE OEEFO 1.9 1.7 2.3 ND 0.27 ND ND 0.02 0.00005
11 Fk- HE Dt FORISER  'SEMET O BEFO 1.8 498 2.2 ND 0.33 0.02 0.03 0.04 0.0002
127 k- HE Bt #HKASEE SEWET O REFO 1.8 5.3 1.9 ND  0.33 ND 0.00 0.13 ND
13 Zofh Fit fkGER E-L<H BREFO 0.8 5.8 2.3 ND  0.36 ND ND 0.08 0.001
ZLHXARREERSTER [EEE] (az/1002) 2 5 3 0 0.16 Tr Tr 0.1 0.001
BREREEER & [FEE] (az/1002) 2 i 2 - 0.16 Tr 0.01 0.1 -
BAEREERSE [HXE] (ag/1002) 4 5 3 - 0.18 0.1 Tr 0.1 -
BAEREELGE DRREE] (ag/1002) 2 5 3 - 0.19 Tr Tr 0.1 -

ND : i T BRAE AR

Tr:
IR E T, &
/N EO 1/10 DLk
~5/10 A DR
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x1 ERE-FEEX

5 IS 1 FRHH2 FERHSI EEH 4 ERHS
EHE 1.995 1.821 1.588 1.159 0.756
FE5E®% 2493 22.76 19.85 14.49 9.45
RIESFE5E 2493 47.69 67.54 82.03 91.48

%8 BEBERY kL

L EHS 1 EMH2 FRHH3 EMH 4 EREHS

Na 0.003 0.312 -0.185 0.721 0.417
K -0.199 0.128 -0.529 -0.36 0.598
Ca -0.233 0.566 0.217 0.101 -0.342
Mn 0.256 0.285 0.546 0.001 0.426
Fe 0.137 0.565 0.073 -0.534 0.03
Cu 0.604 -0.001 -0.326 -0.111 -0.168
Zn 0.095 -0.401 0.472 -0.138 0.376
Mo 0.669 0.067 -0.078 0.154 -0.013
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xS BERICEFNIHMEEEDREHR

5 fEmg/100g
EE Ei Na K Ca Cr Mn Fe Cu In Mo
1 F£F-oL<H BRI 0.4 38 4 0 0.6 0.1 0.19 1.4 0.084
2 ERSE C1N:D) 0.4 44 3 0 0.6 0.1 0.21 1.5 0.078
3 FEE (N E1N:D) 0.3 36 3 0 0.6 0.1 0.20 1.2 0.082
4 EIPh Bh Al 0.3 53 3 0 0.5 0.0 0.17 1.4 0.058
5 FXOER Bh i 0.3 34 3 0 0.5 0.1 0.16 1.3 0.063
6 EoLCH =F 1.2 40 4 0 0.4 0.1 0.11 1.3 0.062
1 EWE =F 0.3 49 3 0 0.6 0.1 0.17 1.7 0. 046
8 FEEL =R 0.2 54 3 0 0.7 0.0 0.18 1.2 0.048
9 B RIET =F 0.2 54 3 0 0.6 0.1 0.15 1.7 0. 055
10 MBRE®BEF +FfH 0.9 29 4 0 0.5 0.1 0.10 1.6 0.042
11 BREF sLLE 2.0 36 3 0 0.4 0.1 0.12 1.8 0.028
12 KEET HE 1.6 33 4 0 0.5 0.1 0.03 1.9 0.062
BE (BRADF2020K) 1 89 5 0 0.8 0.8 0.22 1.4 0.069

®6 BXRBLBERICEFNIMETRMS DL OROI-IEEER

AEGRER)  MRLGREE2)  ARLGREED)  BRb(RISB1)  BRb(AaB2)  BRE(ASB3)  BRb(AEEB4) CHE(AERB1)  CHE(FaEB2)  CRE(REB) DRH(F - b)) ERH(F - B) FRE(IE4) mE-a-u¢s AM-ERE UN-ZERL US-ZEI0P LH-AXoRR =F-2-L0¢5 =P-#KF =F-FEL —F-HENT +oB-288T sesesusr TB-HEWT
At (EEEED) 1
Azt CE#E2) 0.931 1
A (8E3) 0.993  0.948 1
B (RIS 0.981 0.946 0.996 1
B+t (R3E82) 0.883 0.779  0.91  0.933 1
Bt (RIZE3) 0.924 0.849  0.95 0.969 0.993 1 X FHEAN<08 THDHEZ A%
Bk (RI2p4) 0.5 0.89 0.973 0.987 0.978  0.996 1
CHE(HIE) 0.945 095 0.975 0.99 0.932 0.959 0.983 1 AT LTV,
C#t (i) 0.851 0.975 0.864 0.855 0.623 0.713 0.769  0.859 1
Cxt (AR 0.807 0.863 0.777 0.735 0.440 0546 0.617 0.689  0.92 1
D#(F - b) 0.868 0.748 0.894 0.917 0.999 0.98 0.968 0.913 0.585 0.415 1
EH(TF - b 0.992 0.019 0.097 0.994 0.933 0.964 0.081 0.969  0.82 0.7368  0.921 1
F2(1851) 0.951 0.928 0.978 0.992 0.956 0.984 0.994 0.997 0.823  0.66 0.941 0.978 1
AEl-EoL<H 0.867 0.769 0.809 0.924 0.999  0.99 0.974 0.928 0.611 0.425 0098 0.922 0.957 1
LA dEes 0.862 0.758 0.893 0.919 0.999 0.987  0.97 0.922 0.597 0.412 0.998 0.918  0.346 1 1
LAT-ZERL 0.867 0.769 0.898 0.924 0099 003 0973 0028 061 0424 00998 00822 0.952 1 1 1
AT S P 0.857 0.747 0.887 0.913 0.998 0.985 0.986 0.915 0.583 0.4 0.999 0.913 0.941 0.999 1 0.999 1
AE-ERORRE 0.868  0.772 0.9 0.92% 0939  0.99 0974 093 0.614 0.427 0.997 0.923 0.953 1 1 1 0.998 1
ZF-#5L<5 0.875 0.772 0.904 0.928 0.999 0.991 0.975 0.929 0.615 0.436 0.998 0.928  0.953 1 1 1 0.999 1 1
—EERE 0.856 0.749 0.887 0.913 0098 0985 0986 0.016 0585 0401 0999 0.913 0.942 0.999 1 0.999 1 0.999 0.999 1
=F-EML 0.856 0.745 0.886 0.911 0.998 0.984 0.965 0.913 0.581 0.397 0.999 0.912  0.94 0.999 1 0.9%9 1 0.999  0.999 1 1
=P-13EIRF 0.856 0.749 0.887 0.913 0.998 0.985 0.957 0.916 0.586 0.401 0.999 0.913 0.042, 0.999 1 0.999 1 0.993  0.999 1 1 1
+HE- E0E T 0.881 0.789 0.91? 0.936 0.998 0.993  0.98 0.939 0.637 0.453 0.996 0.933 0.961, 0.999 0.998 0.999 0.997 0.999 0.999 0.998 0.997 0.998 1
HBLSE-BEKET 0881 0772 0908 093 0999 099 0076 0027 0.615 0445 0.998 0932 0.952, 0.999 0999 0.999 0.998 0.999 1 0098 0.998 00998 0.999 1
HiE-SEIET 0.881  0.779  0.91 0.933 0.999 0.992 0.977 0.932 0.624 0.443 0.997 0.933 0.956 0.999 0.999 0.999 0.998  0.999 1 0.998  0.998 0.998  0.999 1 1




HARRRERE L 2 —Fl %325 (2021)

HIER{E =R

Google Maps Edition

BIEREFA

Cu. ppm
Sea Land
83,65 - 106.6 ]I 2961 - 5211

59.93 - 83.65 [ 1805 - 396.1
43.24 - 5993 [I00] 156.8 - 1805
3660 -4324 ] 1332 - 1568
2996 - 3660 ] 10951332
2332-2996 ] 8577 - 1005
16.69 - 23.32 6208 - 85.77
1005 - 16.69 [ 38.39 - 6208
5095 - 1005 [ 1469 - 3830
2996 - 5095 [ 01969 - 1469

26
Sea Cu, ppm Land
5750 - 3032 [ 1716 - 3568
4987 -5759 [ 1501 - 1716
4324 - 4987 [T 1287 - 1501
3660 - 4324 [__]1073- 1287
2996 - 3660 [___] 8584 - 1073
2332-2996 [ 6440 - 8584
1669 - 2332 [I 4297 - 64.40
1005 - 1669 [ 2153 - 4297
3a11-1005 [ 009522 - 2153

06662 - 3411 [ 0005288 - 0.09522

5-1 BROHMBEREBIZEITSH CuDRESHE

HER{EZE

Google Maps Edition

BRF 1

Mo, ppm
Sea Land

5935 -804s [ 2050 - 4304
5235-5935 [ 5868 - 4959
4535-5235 (IR 3.201 - 3.868
3835-4535 [ | 2611-3201
3135-3835 [ ]2111-261
2435-3135 [ 1500 - 2111
1735 - 2435 [ 1.192 - 1.500
1035- 1735 [ 08843 - 1,192
07137 - 1035 [ 05764 - 08843

03162 - 07137 [l 0 - 05764

25
Sea Mo, ppm Land

5935-4821 [ 4514 - 3293
5235-5935 [ 4057 - 4514
4535-5205 [0 3600 - 4057
3835-4535 | |3.144-3600
3135-3835 || 2687-3.144
2435-3135 [ ] 2230- 2687
1735-2435 [ 1.773 - 2230
1035-1735 [ 1.316 - 1.773
03353 - 1035 [ o0s590 - 1316
009903 - 03353 [ 0.1640- 0.8500

5-2 BEHNDOHBREIZHITD Mo DEENHK
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A survey on trace elements contained in Japanese sake produced in Aomori Prefecture

Nobutoshi Utsumi, Soya Sugao, and Maiko Tamura

We measured 9 inorganic components (K, Ca, etc.) in 13 Japanese sake brands produced in Aomori Prefecture and
their ingredients, 12 types of sake brewing rice, using ICP-MS and other apparatus. Higher contents of Cu and Mo
were observed in sake brands of brewery A located in the Tsugaru region. As for sake brewing rice, the contents of
Cu and Mo were somewhat higher in rice cultivated in the Hirosaki region. In addition, we performed a cluster
analysis of Japanese sake and sake brewing rice using data on the contents of the elements measured. The analysis
revealed that Japanese sake formed clusters depending on the type of taste (e.g., tanrei-karakuchi or crispy and dry
taste) and the type of rice for brewing sake, and that sake brewing rice formed clusters according to cultivation areas
and rice types. This suggests that cultivation/production areas of sake and sake brewing rice, especially for the rice,
can be identified by measuring and analyzing trace elements such as Cu and Mo.

Key words: sake, inorganic component analysis, principal component analysis, correlation
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HRAREERBIREE ¥ —FH 5 32 5 (2021)

PRI T E FA S DBt SN TRRMERBEEFOMEIREN (2019F1 A~12 A)

EAEEE I ERARE et

2019 4 1 AN~ 6 12 A ORI, BE it KRG E LSO FRIFPERIGE & L CHERRERESR I 2 —ITiA
SNzt 56 HhAXE E LT, HREEIG & OYE. albertii DR, PUREIG ., ARSI AT, TR
B RARRONERIZ, B ERERVERIE (ETEC) 285 4Kk, AEIRIEIERGE (EPEC) 725 33 Bk, R/aritEfs
EMERIGHE (EAQUEC) M 19K TH 7=, 2D H 5, ETEC 1 HIT stx2e 28, 56 BRH 14 £k 513 astA 236F
TR 472, HURGERS 741l Oglll:Hg21 73 4 Bk, 0g126:Hg27 % 3 #fH 41, /3 8EIEV 941 E EAGYEC
Thole, o, 56 KD 5 5 LN L HILL EOIERNTHIHET, 2D 5B, ETEC LA HIEL CTX-M-1 7 /L—7
D ESBL #5173, EPEC 1 £ &% O EAQQEC 1 #:2>5 1% CIT AL, DHA %D AmpC B-7 7 ¥ ~—VB a2

R &z,

Key words : diarrheagenic E. coli, E. albertii, virulence gene, genotype, antimicrobial resistance

1. [FC®HIC

KIGEE (Escherichia coli) IXIGPERHIET 5 2
T KEthEt R E T 5, B OKGEITIE
HMEFED 1O TH Y, AKITe MO UEEZRE
THDHN, FHFERE OB LY FHiE R L
T 5 W EYSE 2 5| & 2 D & TR RIGE
k ‘S‘; ZI.,Z)O

TRUFPERIGEIL. AT DIREEEFIZ LD,

i

w
&R IRE RS E (enterotoxigenic E. coli; ETEC) .
G R APERAGE (enteroinvasive E. coli; EIEC) .
A5 EE K (enteropathogenic E. coli; EPEC) .
5B BEEE A 5 PE K (enteroaggregative E. coli;
EAQQEC) D 5 DIZKBIEND 12,

Y7 —TiE, 201844 b, MERREOG
Db E B Mhb oS v PR E O E
HREEL TS ¥, 4El 201941 A6 12 A
FTICY X —ITA S, EHEC ZFR< THI
JEPERBGHEIZ DWW, JRFEIR - OfER, By
SEJRRE & L CHDALD K 912727 JE. albertii ©
R, PUREE TR0 E K OSEAIR S Ml e 52
it L= D THET D,

VBRBEA TR ERER B R R

Hifn ARG (enterohaemorrhagic E. coli; EHEC) |
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2. MHEAE
2.1 ##

IRAHEBI T PCR 12 & 0 MHIFEMERGE & HIE
T PRI SR O D 9 B, 2019 4E 1 A~12 H
W2 Z — TN S 372 56 B A VYV,

2.2 Ak
(1) PCR

PCR (. 7L U BdhitiAIC L v it L7= DNA
L L, BERDO T T A =—419 2 FnWCHElE L
72. PCRERZKIZIX. QIAGEN Multiplex PCR plus kit

(QIAGEN) 17>, TaKaRa EXTag., EmeraldAmp
MAX PCR Master Mix, TaKaRa Z-Tag, MightyAmp
DNA Polymerase Ver2 ., PrimeSTAR GXL DNA
Polymerase (\\940% % 71 /31 4)  XiE AmpliTaqg
GoldDNA Polymerase (Thermo Fisher Scientific) %
W ETEC LS - mRR X skl 23 S
TCHERRIZOWTIE, BEo 7k 112 LY 3568 R
FORIGNZIT 5T, FOIHEREDIT, WTnd
3%T W —AF N ITEEF v T U —EXIKE)
$E(& QIAxcel DNA Screening Kit (QIAGEN £t) T
SUKED LT,

(2) FEFIZRZ14EER

KB 74 A7 CRIMET) ZHV, 1IRET 1 A
7 PEBEIC & V4T - 72, McFarland #2505 (ZFFHL L



xS 29—k v b | ZERESH (BD) (28R
L. 7 4 A7 EER. 35°C, 55T C16~18
RFRIEE B HIE LT, ERZEANL, B-7 7 & LR
#1 13 # (ABPC, PIPC, CEZ, CTM, CTX, CAZ, CFPM,
CMZ, IPM, MEPM, AZT) MK OMZENLISFOIEH] 13 Al
(FOM, GM, KM, AMK, TC, DOXY, MINO, NA,
CPFX, LVFX, ST,CP,CL) ™t 24 $£#1 & L7z,
Fio, FAIRSIERBRCE 3 it 7 = 2 RFEA
(ZIPE 2o u‘:—ﬁﬁawk ZOWTIE, ENLERYENT
FERAT G LT D Y LN, FHERE AW
727 4 AT BRI X 517 J—=27 KO PCR
12 & B EANFEE S T O 21T 72,

. BR &

Tf“ JRPER G O FEONRIL, ETEC 4 FE,
EPEC 33 £k, EAgQQEC 19 #£ T, EIEC K OVE. albertii
LRESNIRRIZ R ->7=, ETEC D95, AT
LT a NV UBE - OFEOWERIE, LT 1EE,
STp3kkTH Y, &HI, STp 2RAT 53D H b
1 BRI stx2e 2747 L QU iz, ZDIEhs, ETEC 3 £k,
EPEC 3 ¥k, EAQQEC 8 #7251 astA 23 S iviz—
J5. afaD ZRAE T DT - T,

PURE A ClE, ETEC 22 THIDALZ/3HE &
AL, EPEC DA% IR Z AR Th > 7= DITx L,
EAQQEC Clid Oglll:Hg21 7% 4 £, 0g126:Hg27 7% 3
BRE, HOREOF L EVRROLNIZ,

BN ERBR I BV, 1AL RS (R)
R LTRRIZ 56 M 3Lk ChH -T2, 2D B, B
3t 7 = AREHNCMmIM:A 7R L7-#kI%, ETEC T
1 ¥k, EPEC T 1#k, EAQQEC T2RkThH o7, £72.
EPEC Tl 33 ¥k 20 #7% 24 Al 4 Tl AR
ZoRLT=DIZk L, ETEC TIE 48k 3 H%\ EAggEC
TIE 19 BRH 15 Bk2S 1 AILL_EICiitE T - 7=,

55 3 it 7 = L RIEHNCHHE T - 72k 4
FRIZDOUWNT, SEAIMPER -2 3R L 7RG, ETEC1
D513 CTX-M-1 7L — 7 D ESBL #1573 EPEC
1Kk, EAQQEC 1 #E51X CIT AL, DHARIDZ 7 2
2 RYEAMPC B-7 7 ¥ ~—B a1 BN E T
Sz, —J. EAQUEC 1 #iTiE, Z7mx¥o U v

(MCIPC) D736 AmpC B-T 7 % ~—T DL
PHEESNT=H DD, PCR T7 7 A NP AmpC B-
77 pw—EBRE IR ST,

72, CLIC
BELIEFERAY B 3L > TR SURRIE AR o 72,

ITHIERENERE I N TV 2N H DD,

4. EE

ETEC %, = T 11 b2 Vi s+ & R8T ESBL
B mwmHR (V) Bl 2R ET 2505
LN LMD, FEAIMPEIRIFIEI R LT H 1A
LCW BERH D, 7=, 4R ETEC 1 S
H S 37 stx2e 13, BEFO VT EERIEVAIZ X DM
NIREEE SNTWD OZ Lvd | VT ORI
Z. PCRICKDE=XV VI HHEELEZZ NS,

EPEC I%. #AFEKDOIB L% 6 FE DT,
SRANEZMERBRCIE 24 A4 TR ST H R Ok
NEN—FT, 7T A REIEAIMEES 2R A
L ZANMMPE 2 731K B 386D B A, JillR] O WFEEE,
PURGEAR 71 % 5 O SRR 72 AR DY J3 B S AL D M) 23
BB,

EAQQEC T, 194 4 ¥:23 Oglll:Hg21, 3 #ind
0g126:Hg27 T v | FlRIOEE W &L [F U < HEDHL
AR T TSR S A AR B - 72, F72,
ZIH 7 ERITOWTI S SIS ERER T CMZ OfFH
AR NE Do T2 &, AmpC B-F 7
A —BEPELEL TS AREMENHEER S D, 7256,
0g126:Hg27 ITATEIOHETH 8 ik ST Y |
T D D BERR DRSO BEE M LB N,

Aalktg & L7-WINIZIE E. albertii (38H S
7R T2, RRHPRDESOIFIFAAR Y — A F o A DH]
BD, BlERE =2 Y v Rk T D MNERD
%

5. F&6

2019 FIZHFRRREREE X —ITA SN
EHEC % [ < THIRM ARG 56 2 %I, JhliE
{57 B OV E. albertii OfR5E % SEfE U755, ETEC 23
4%k, EPEC 723 33 £k, EAQQEC 23 19k TH -~ 7=, #i
BB ClE, Oglll:Hg21l 73 4 Bk, 0gl126:Hg27
MI3IBREZ RS, SEITVT S EAGgEC T
bolo, FEREZMRBRORER, 56 ko 5 H 31 Bk
23 1 LA E DI T, ETEC & EAggEC T
FRICERAIMEAR OEIG @D o7z, 3T =
LSRERFNCMMEZE R L= 48k 5 B, ETEC 1R D
1% CTX-M-1 /L —7® ESBL {175, EPEC 1 ¥k
K ONEAQQEC 1 £k2>5 1% CIT %L, DHA %> AmpC B-
Z 7 A< —BREIRENEIVRT SN, £,
EAQQEC ¢ 0g126:Hg21 %, 2018 4= 8 #RIZH| e
&, 2019 FRICIE 3 MR R S, [Rl—HiE R
DEROEFEDFRD BTz,

2019 FFEOPRAREZ FVZAE R, 2018 4F L [FlEE, 38
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FUMHPERE OFEERS, FE DU s FRIOER-EF D
RSO b, EbIT, NnERiitafz T
AT DERDIFENRH O N Lol A% B
HARILE DR DT, =1 T 2 2 Ziflkise L T
WS REDR D D,

#OE
BERRINER A )N =72 T SRR R R E2
T —OREHL O 2R BILHE L BT £,

X @R
1) HHAIR, PSR - ARTERUE R 12 [ RFE
B, #L, 2015
2) JiRHHR - TRIEMRIGE. &« Bt
7258 « FFl ¥ % —J/1, 225, 275-288, 2020
3) A L1 : Vero TR pEAERRDSBUL S 412 BT L
YREIFNE Escherichia albertii (2o T, IASR, 37,
98-100, 2016
4) Hyma, K. E. et al. : Evolutionary genetics of a new
pathogenic Escherichia species: Escherichia albertii and
Shigella boydii strains. J. Bacteriol., 187, 619-628, 2005
5) Oaks, J. L. et al. : Escherichia albertii in wild and
domestic birds. Emerg. Infect. Dis., 16, 638-646, 2010
6) ENZEYWEMFZERT « I R (EHEC)
A - B~ ==7/1,2021 4F 9 A

7) lguchi, K. et al. : Escherichia coli O-genotyping PCR;
a comprehensive and practical platform for molecular
O-serogrouping. J. Clin. Microbiol., 53, 2427-2432, 2015

8) J it : B HA MR R B 0D 22272 O Iy &
R EME T 2 HIET D One-shot < /LF 7L w7
PCR JEDBA¥E & aHl, HARMMBEDFRMES, 32,
215-218, 2015

9) Banjo, M. et al. : Escherichia coli H-genotyping PCR;
a complete and practical platform for molecular H-typing.
J. Clin. Microbiol., 56, €00190-18, 2018

10) ENZARGEERE P, ENLEYYENTTERT « TRk
29 R FIINHEM A IHE G B, 2017 4 11 A

11) ZHh T34 AR« HRIFHERIBE T 7
1 b UUBRTOME, ZEEE FriklE R
H Primer Set Application 2, 4-5, 2017 4= 6 A

12) Scheutz, F. et al. : Multicenter Evaluation of a
Sequence-Based Protocol for Subtyping Shiga Toxins and
Standardizing Stx Nomenclature. J. Clin. Microbiol., 50,
2951-2963, 2012

13) [ESLEGENTIERTEAIMIEATIEE > & — « HH
M ERAHE &, 2017 45 9 /]

14) EEVETAD - PR T e RSB ST
FUFPERIG R FEOPERAFT (2018 24 H~12 ). &
ARIRBR B R o & — 44, 31, 33-39, 2020
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=1
PURRE TR
Og9:HguT
0Og25:Hg16
0Og27:Hg7
0g169:Hg41
0g21:Hg21
0Og35:Hg19
Og49:Hg10

S (R
ETEC (4)

EPEC (33)

Og51:Hg49
Ogb5:Hg7
Og64:Hg21

Og71:Hg40
Og85:Hg31

0Og98:Hg8
0g108:Hg21
0g128:Hg2

0Og145:Hg16
0Og145:Hg28

Og156:Hg8
0Og157:Hg39
0Ogl167:Hg9
Ogl74:Hg6
0Og179:Hg31
OgGP1:Hg6
OgGP5:Hg40

OgUT:Hg6
OgUT:Hg21
OgUT:Hg30

OgUT:Hg40
Og11:Hgl/12
Og65:Hg1/12
Og81:Hg27
0g92:Hg33
0Og99:Hg4
Og111:Hg21

EAQQEC (19)

0Og126:Hg27
0Og130:Hg27

Og172:Hg27
Og175:Hg31
Ogl76:Hg34
OgUT:Hg19

e

I\
oy

T

+
H 1 24 FIA IR S P

[ Sl

ABPC, PIPC, CEZ, CTX
NA

TC, DOXY

NA
GM, TC, MINO, DOXY
TC, MINO, DOXY

ABPC, CEZ, CTX, CAZ, TC, MINO,
DOXY, NA, CPFX, LVFX, ST

TC, MINO, DOXY

TC, DOXY, ST, CP

TC
TC,CP

ABPC, PIPC
ABPC, PIPC, TC, DOXY, NA, CP
NA

ABPC, KM, TC, DOXY, NA, CPFX,
LVFX, ST, CP

ABPC, PIPC, TC, ST

ABPC, TC, ST

ABPC, TC, ST

NA

ABPC, CEZ

ABPC, PIPC, CEZ

ABPC, PIPC, CEZ, CAZ
ABPC, CEZ

ABPC, NA, ST

NA

ABPC, NA, ST

ABPC, CEZ, CAZ

ABPC, PIPC, CEZ, NA, ST
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REBRIGT
STp, stx2e, astA
LT

STp, astA

STp, astA

astA
astA

astA

astA
astA

astA

astA

astA
astA

2019 FHRAKRD S HE - fUREEFE - EFImE/ 2 —2

AR T

ESBL (CTX-M-1g)

AmpC (CIT )

(AmpC)
(AmpC)
(AmpC)
(AmpC)

AmpC (DHA %)

BRI

PRRPRPRPRLPNRRERER

RPRNNNRRRRPRRPREPREPREPREPREPRERRERRERRER

DR R RPRPRRPRPWORNRRPNRRERER

al



HRRERERE Y ¥ —FH 325 (2021)

EHREATE o Sh=HYILERSBEDMFE & EHIRZME (2020 )

EAASE WERE e EGEESR

2020 4E 1 A76 12 H £ TOBIMICIRA 11 EREFRHERE 7 & F AR RS R o & —ITiRA Sz Ve
TR 42 A ktg L LT, iERUBIRRER M OSRANES MR 2 52h U7z, s A RRBROFE R, Odi-nd kb %
<, WUT Infantis, Typhimurium 23270 o7z, £, FEHIESMRRBRORER, 29 #R25 1 FILL EOFEFN M T
oty IMIER & AN S Z — o 2 el 5 &, 04:i:-X° Infantis (21 AIMHRE232 < . Typhimurium (21338
FIMMPERR D D72 MBS R BT, BRI ERER T, 7 M I ¥4 7 U U REANZMEZ R LTk T k74
A7V U RIEANMER TR AR L2 & 2 A, tet(A) £ 7213 tetB) DWW T2 i S, g & fa
T 57 hTHA 7V U RIEAIMER AR 72— E DRSO Hiviz,

Key words : Salmonella, serotype, PCR, Susceptibility test, AMR

1. [FL®IC PREC, Tk UERIHEIC L Y i L7 DNA

PEx T JEHE (Salmonella spp.) (XM PNATE £

(Enterobacteriaceae) MIEIZJE T 5 77 AREMEARE T
b5, O PR, FEHUR (Vi HUs) . HEEHUR (H
PUR) O#AEDTIZE VK 2,500 OfiERI S Y
D, REMREBPHEEDO—DOTHD,

FHARRBR BRI o & — Tl RN 11 E S
TR R DSBS - LT R T BE OFEKE
WEE L, MRARFRNT A2 550 L T\ 5 2, AlEl, 2020 4
Y H TR ST VE R T R O iEH
BIFRER K OSEAN Sz Mk & S0 L 7= O CRE SR 2
HT D,

2. MHEAE
2.1 ##

2020 41 A5 12 AR O 11 7€ sEFEFSRE H»
DA STV ER T B 45 BRD 5 6| [Al— B
b —EMIMIZ o7 EHE] Sy S Au7z A —RE 3 Bk
R, 42 BRE VLV,

2.2 A&
(1) mAERAIEAER

PR ZRENTE [ (T o) 2RV, &
I U=y - TSR 2 s L=,

1 BRETATE AR BEOR 2R

ZEFARLE LCBEHR 907 T A ~—I2 X % multiplex
PCR % %Effi L. #AHE D 2 FH3HUCBE 595 fliB &
AR 2 TR L=, PCR 3% TaKaRa Ex
Tag Hot Start Version % 7zi/% EmeraldAmp MAX PCR
Master Mix (Wb Z T34 4) ZHV, 55
AT HAIEPEMIE 3 %7 W 1 — A S L CREAIKE) LT,
(2) EHFIRZMHAR

KB 7 1 27 (RWHLY) ZHW, 1IRET ¢ A
7 PEBEIC X V4T - 72, McFarland 25 0.5 (ZFFHL L
THERE I 27— b | REGM (BD) IC8AR
L. 7 4 A7 FdiEth, 35°C, 4AFXSA: T T 16~18
RFFETEE R HIE LT, MEZERNL, B-7 7 # LRHK
#l 13 % (ABPC, PIPC, CEZ, CTM, CTX, CAZ, CFPM,
CMZ, LMOX, FRPM, IPM, MEPM, AZT) K OiLLL
ANDIFA| 13 A (FOM, GM, KM, AMK, TC, MINO,
DOXY, NA, CPFX, LVFX, ST, CP,CL) D&} 26 3&Al &
L7z, BHIEFOBIEMA R (Intermediate) %7~ L
7= b ok, Mt (Susceptible) ([2& 7=, ZDH b,
T NI A7 U RHA (TC, MINO, DOXY ; LA

[TCs) L #&F0) 1 AILL BITHM: A7~ LIRRIZ DWW T
IX. BRI L7223 PCR %30 L, TCs MittEE s
TR 2 MR U7z, DNA filiH=eREIx, (D) &
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FkELE LTz,

3. #R
3.1 ImiERRIEAER
2020 FEITHRA TV VX T BE O IMIERI DN
AT O4ii-723 17 MR & e b % <. kW T Infantis (6
FR) & Typhimurium (5 #8) 23%02o7z, ZDIFD,
Schwarzengrund, Stanley, Weltevreden 2345 2 £k, %
ODOMIFRITNTIHE LK Th o7z (& 1),
PCR T, fliB a2 TCOEMEN LRI E
Ae—h BAE LIV T b S oo,

=1 2020 FHEAKOMER
O IyERE - MR B (WAR)
04 30
O4:i:-
Typhimurium

Schwarzengrund

—
N

Stanley

Agona

Brandenburg

Saintpaul

Sandiego
06,7

Infantis

Thompson
Livingstone
06,8
Newport
03,10
Weltevreden
013
Agoueve / Cubana™
HE 42
XO2 fEL OB HEEXFITE Apdpolaiowd, ML
ERA EHFRE LT,

R R, NN RR[(H = OO~ = = = NN Ot

3.2 FHIRZMER

A N2 — 2 L B OWNRIZER 2 D LY
Th o7, CLITITHERLENRES N TV eNH O
D, FHIEMBEDE NS WERIZ A o 72,

PR D 5 B, 1 B EICHPEORRIL 42 ¥k 29
Thotz, ZDoH, N=V L R¥HAl (ABPC,
PIPC) 1T 1 AILA EfiHHEDOREAS 15 £, TCs 12 L FILLE
MDD 16 R T o7z, =V L R3HEH| & TCs
DELLIZH 1AL, EEZ R URIZ 7T, =

D HH LKL ST KONCP IZ btz = LT, FDIF
. TR 7Y 3y RREA (GM, KM,AMK) (21
FILL EMHEOBEDS 2 8D Hiv, WIiLh KM 2o
I 2R LTz,

TCs (ZHMitPED 16 BRI % LT TCs i 1 &4 &
HPCRAZFEMLIZE Z A, 16 KRBT tet(A) £/
13 tet(B) DWW T AL i 7z, TC, DOXY (i
T MINO (D 9 B DI, WL tet(A) 23R
Hi&EH., TC, MINO, DOXY £ TCITiitt:oD 7 #6H ik
tet(B)2MEH 47z, 75, tet(A) & tet(B)Diti T H3 R
H &R I3 78 o 72,

%2 2020 FEMABOIAITHE (52—
AL <5 — e
LT

ABPC

ABPC, PIPC, TC, DOXY, ST, CP
ABPC, PIPC, TC, MINO, DOXY
ABPC, TC, MINO, DOXY

KM

KM, TC, DOXY, ST

TC

TC, DOXY

TC, MINO, DOXY

Mgt

[y
~

PRI ORI P[NP

o
o)

4. BE

MR SRANNPE % — 2 DNFR A F 3 1R LT,
2020 “EIZH HIRA D) - 7= O4:i-Tid, 17 ¥k 14
FE2S ABPC (2, 7 #£2 TCs (M%7~ L=, O4i-
IZRNTE D3> 7= Infantis TiE, 6 Kk 5 BKA3 TC i
itz R Uiz, —7J5. 2020 4EC 3 & B I AB D%
73> 7= Typhimurium “CIEitHEAS Ll b Zey MiEm)
Hotz, ZOIFED, KM Iz R LT 2 #RiZ, W
T MIER A Schwarzengrund THh - 72, LLED#KE
R AERERNTFEEL TWD EBEZ HND,

F 72, TCs (THIT DMt L ERICER T2 &
32 TTCs @ 3 AlETITMmitEEZ RL, tet(B)Z~A L
TV THRIZET O4i-Th -7, —J ., MINO (Zx}
L CITEMEZ /R L, tet(A)ZRAET 5 9 BRI Odi-LL
SDOMIER T -7z, ZDZ Lnb, 2020 FITHEA
STz TCs MR T, MiEH & A9 5 TCs it
AR —E DRI TR BT,

FEAIMIHE DM 213 T b, MBI DL\ VRN
AU O B R MLE S 2 i A — A T AT &
STHR L., TR R L TV Z & id, B
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AEGA T O RIRIN f O A O —Bh L e 5 &5
ZBND, ZDIZDHAER S EIROUUE K OPEIRAEAT
Akt L CHEM L, 7T — X &R - o LT
N D,

# 3 MiER & BEANMHE <2 — 2 DR

7 & A< 57— e |
O4:i:- 17
2T 2
ABPC - 8
ABPC, PIPC, TC, MINO, DOXY tet(B) 2
ABPC, TC, MINO, DOXY tet(B) 4
TC, MINO, DOXY tet(B) 1
Agona 1
TC, DOXY tet(A) 1
Brandenburg 1
ABPC, PIPC, TC, DOXY, ST, CP tet(A) 1
Saintpaul 1
TC, DOXY tet(A) 1
Schwarzengrund 2
KM - 1
KM, TC, DOXY, ST tet(A) 1
Infantis 6
AR - 1
TC tet(A) 5

K[R— MIFRL D BB T OFHFNEETH - 72 b D (14 #5)

iE LB LTV D,

5. £&H
1) 2020 FRIZIRIN 11 R R b B AR R BR B R
il X —IHRA SNV E R TR 42 FRE xS

SUTMYERLIRRER A S f L 7 e, O4ii-2iie b2 <

RUNT, Infantis, Typhimurium TéH -7z,

2) FHRSNEABRORER, 42 BRrp 29 BN 1 AL K

DIEFNZMETH -T2, EDEIR= U V3K
FIXITT 74 7 U U RIEH S L IXZF DO
MtEZ R L7,

3) O4:i:-X° Infantis |2 IXifitERE A 2 < Typhimurium |2
T MBS B oz, F7o, IyER & O TCs i
M RE R E ORIIC—EDRBIRIENTED H i
7o

4) L D 28\ N5 SV A R 0D B e Se 1 Y T 45 oD
e L, gl X e TR R ARt L T 7z
B, A% S ERINE R OWERIT 2 i L, T —#
DEREL AT EAT> T <,

# #

BRI 1\ 2 T2 e | BRI AT H IR
HRARTEMSERRE YL 2 —, HARTERRE, 94
ATTEM SRS o Z — SARITORBE, /e
HIENTV R i SNV AV FRVA t 2w/ 5] IR Y/ARA
VAL RIOE 50728 DI EAE, R T A7 H
Be. —EPEEHE TALER T v 2 — T oRe ARk,
INSEEPIHRBE ORI S D7 2 [ZJE < BHLHP L L
FET

&

FET 34 Ji I,

BB
Py

X
1) & FE i - = T
H, 2013
2) A FEHRENICB T 2 LEX T BED
PEIRAFHT (2019 4F) . AR RBR IR o 7 — 43R, 31,
59-62, 2020
3) Lee, K. et al. : A novel multiplex PCR assay for
Salmonella subspecies identification. J. Appl. Micrabiol.,
107, 805-811, 2009
4) L.-K. Ng et al. : Multiplex PCR for the detection of
tetracycline resistant genes. Mol. Cell. Probes, 15,
209-215, 2001
5) FFMPED >~/ A FFHARRR 2 « FANNME D
L AR 2020
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HARRRERE L 2 —Fl %325 (2021)

BERMBOBEEZBHE LTz PCRIZE T2 DNA i iE 0 ELER I

fmE B LERE

Mgy IARRSE

BT VAR —FRIRDREEFEMEIORELED 5 H, PCR IKIZ LD EMEMRAETIZ, EL LTI AL
s A 7%y NERAWDFEEA AR BHIE X A 7 x> bERAWSJTED 2 FEEO DNA fHENAEE
TEDHLIVTWD, Jtl L& 6 mAilkle L, e 2 DO ¥ » & HWT DNA i 217572 & 2
5. L DREFTA F U WG X A T DX FOFINRE T 5 Z ENTE 208, BHC L » TiEd
FVENENLO LD AEERBOBLEND, VU B TFNVESZ A TXy FERAWZIEZO BRI 0WRE O H D 2
Lot MLEMIZHELETHY ., SSHICDNAHIHIZTENSELEHETH L Z b, IRELE
¥(rEDDHT-OIZH, A% LT —HEERL QWK LERD D,

Key words: specific ingredients for allergy-labelling system, PCR, DNA extraction

1. [FLC®IC

BT LAX—E, IR IR CRIET S
ZENZOR, MATHLRIET25608H0 ., 20
JERITY 2 v Z7JERREEBE L RD2GALHD D,

DX G EZ LT A BEN D AE
IZBWTIT, BT VL X —DFRIER K OFIED E
B 2, RAFREROZOBEHANC LY, 7
e H (R, Fo /M. FIXL BIEAE, 2O D) »
MEFERFE & LTED B, & TOMMEERT
FIRPEHMT O TS, £, TFFEEEH e
TH5H0] L LT, 21 mBIZOWTERRDBHEE S
T3,

FEERAM B ORAEIT, TRMEBEREEIZ OV T OF
B 27 -3 A 30 HAHHHEFTIREE, Bf&E
SR2H3 A 27 H) BIR [7 LALF &0 RHnD
ATk (LT [AEE] Ev)H,) Ik vk
DED LN TS, ANEETIE, FIDICAZ Y —=
Y IHAE L L CELISAVEIC LD EERBR ATV, A
BICHRHSNZHE T, 2o, YEENLOFEM B
RN OMGE R AR O b BEERA B 2558
DOHNRWGET, R L L TYy=A X7
v ME O, 3L) IRV 2 7 —¥#gHG (PCR)
B UNE, 2, e, 2O, D) Ick 2 EER
BRaiTHo 2 ENTW5,

METTIE, BF0 3 FERERTIN, ., /M, i,

WAEAED A7 ) —=2 TREICHIE L TRV, 514,
FEgE (O, D) DA ) —=2 THREKL OV
F. X WA, 2N MITO PCR B X DR
BRI LTV TETH D,
FREEMEIO 95 T2 KO [8Z) 122nT
X, ELISA VEDF v iy THEHE) A& L TR
FESNTE Y, ELISAIERZ T TR T2 & Ty
ZXBITE 220728, PCRIEIC X 2 Fead s o £
BROOND T —ANEL 70D Z EPBESND,
INTEIEIZBWTIE, PCR IEIZHLT 5857 DNA @
R o kL LT, OCTAB &, @ U 57w
% A4 7 D%y MERAWD L, @A 4 s Hatstls
ZATDXy MWD FHED 3 BN RS ATH
%o, OiX, 7 vuFRLbieEOFEWEOFHICL
WEBEAZET LD, TELTUIOXITZOTITY =
LRt QRUOIF, WG iR O R %
v MWD HETH Y | A GRIKROIN TR
PERNHDITOR, MTREOE NS OO, £
NENEL TS ESNTWS, 2, @D —pil L
LT, DNeasy Plant Mini (QIAGEN, LLF [PM-kit]
EVa,) B, @D—fBE LT, Genomic-Tip 20/G
(QIAGEN, LAF TGTkit) Evv9,) 23, =2l
RINTVND,
INBHDXy MZLD DNA FHRERLIC 4 DR
Wik, PMkit THRI¥H~1 B, GTkit THI 1 H~2 H
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ThV ., MK & ORBREH O X > h &
ST 2 L BFIZ EORM AT L, TS %< HH
Thd, TOZENDL, NEEZBWTI—FDK
15T DNA 2l S e WIGEICIdfh T 2 A 5 &
SNTWDHHEOD, ZD X 5 IR FREITHR S JRET 720
LWz b,

HADS dF, 2OXUINCEZELEDETNHD
ez 2N TESMD PMkit LY GT-kit % VT
DNA Z i L, 2 VL2 D DNA (220 T PCR
ATV, R LR 2w L CnD, L L
5, MIARIIZHEEZETHY | FFEORML TH-
TH—EOME M EOFEEIZ & - CTRILER DM
PKNRKRELS RGN DL E, BAEMIZE S W
STEMTEMIZEL LD FENRE L TNDNEND
HEHZRB N T, REBEOEENMETH D,

ARG T, 77T PCR IEIC L D HFE A E D M
R BA T B 72D H Y & LT, RIRIZBW
TREEFA BHR A ORI & L CHlkry 2 < 8&iE
SNHMLEHOO B, 0 HRE (A R
ZEte,) RO RGO 5 B o0k ilE e L
TEEL, ZNHIZDOWT, FNZE 1 PM-kit X O GT-
kit TP DNA fifHfER 21T, 2T DNA L OIZ
DNA Oz BRI E 3% PCR ZRATfERE £ &
W, AHOEEBEDOEE LT LI, /— e LT
T

2. BHERUAE

2.1 =H

F VRT3 (970 Hfls 3 50k, B RS
3FED 2RV, Wb 77— K7 ek vy h—Ilc &
DR L7t BEIRF L CRERICHL L T2,

2.2 AHik
2.2.1 ELISAERIZK 2EEHER

KBt E PCRICHET RN, BalBHIZ ENHH
BHHEBSRD X Ry % BLISA JEIZ XV ER LT,
ERIX, HEET LV R ELISA % > bk 2 fd
1 (FA 7 A b EIA-HU8H N T = > 21 ) (HKEEE,
PUF ITNkit] £V 9,) ROHESES Y 1 =1
=Fnu] (vin=Fnr LT Mkt & 9,)) %
A, &%y FOBBAEICEEROFIETITo 7,
2.2.2 PCREIZK BEMHER

ANEIEIZEIT D PCRIEOEZRFNEIL, (1)DNA O
FhHRESRL, (2)DNA ORERLE DR K OVE R, Q)
DNA X&) DNA O~ 7 A ~—xf & iz
PCR, (H)&HEFME DNA OBEH T T A ~—xt
ZHWZ PCR, L7725 T35,

(1)DNA Ol KSR PM-kit }2 O GT=kit Z Fvy,
TNENAEEGREHOFIETIT 572, £% » b T,
1 3UEHZ D& 2 ST CHEME L7,

(2)DNA DOFEHIEE ORER K OVE &1L, % DNA fility
HRIZDW T, PS5y YR NanoDrop 1000 (Thermo
Fisher Scientific) % FV > TiKE 260 nm D IR LD
JE (Ae) ZHEL, WIEE 1125 50 ng/uL &
LT, BLZD DNA REAZRH Lz, £/, HEE
280 nm K OX 230 nm DERI DR IEE (Aa0 K TN Aa3o)
HFRIFICHE ST D720, Ziuh LR 260nm O
NEDOEZEN TN L, BREEZHER LT,

Q)Y DNA XiZE) DNA OBEH 77 A ~—
%f % v 72 PCR I, ST Z 4172 DNA 238 PCR @
HRSOGIZTE L2 b O TH 2 A MR T D 72DITAT
I b DT, MEMNGREDOFMEIOREICISE T,
¥ DNA Xi3E# DNA OWTNORHRE1T 9 g
BRI L ENTWD, AL, 70 HH53

&1 HAHERUBEERMHEORT

No. EvaZa R AR Fe R M 22
1 LV ZIEHTE LB KE. B, KA ML
2 WG B b IR, KE N, 2
3 ZOAD T Y 2N T, AhE B KE, KK L
4 ATy 7 BA N S KEL KA, BA. HR. #

(2 Ry E—AD) (RBH OB &)

Aty 7 BA- N R, KREL BR. KA O, Fe 2N T
6 B A A, W A, hE
1 TRpEFAME RO TREFMEHCHET 2 0] OFMEIE LTOEROFRRDBHH b D%, ik
DNREE AL,
2 FMERE U CIER L CunZengy, HaEihEZ 4 > oM, JFEIOFE LTHEH, £ OMIEADEE

YRR D FTRDN D D b D ZFidl,
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AEHIE) DNA DR 4, ErHRRE 3 50BN I
¥ DNA Oftha, N EialAii-, RO,
AmpliTaq Gold DNA Polymerase (Applied Biosystems)
OBy 77— MgCly, dNTP W ONTAEE
(ZFLH DI HFLSN D T T A ~—%f & AWz, FOGIR
FERS R OSBRSS Z W T, AEEICETHO LB
D & L7z, DNA iK%, Qo EERRZ KT, &
ZEA 10 ng/uL~50 ng/uL OFPHIZINE D L 9 1247
LU (F DNA RN 10 ng/uL LR THDH H D
TR D EE), PCRIZHEL 72,

@B HFEEFME DNA ORI 7 A ~—xt%
Ve PCR I, FFERMELD 2 K DN DN T,
(3) & [AlER, ANEEIZFLH O BSOS K& OO
TiToTe, Fl2. PCRIETZ U DNA 2 sz
HDIZONTIE, ATEEITIEOHIFREESE Haelll 12 &
O ALER L | (AR5 D M A fifeRE L 7=, DNA filiHH iR,
B)EELHDE N,

3. @R
3.1 ELISAEICk B EEHER

2 FESE O ELISA % v M XD EEMBRAZ R 2 1R
T, HEGEHOFEHDORRNH D No.3 LU No.6 1E,
20 pg/g X TR S, Nod IXa A4 m ¥ 0 &
—FAEFE LT S TER Y N-kit T 19.8 pg/g.
M-kit C 0.9 ug/g i 47z, No.l X (¥ No.2 (X, F
PR OFRITIEEOA, 2.0 ng/g~3.8 ng/g Rt &
A7z, No.5 iE., HEEOMEHOFRRAMES | ELISA
ETHR S e o,

3.2 PCRZEIZK BEMER

MR ERNZ L %5 DNA EEEERRELFE 2
T,

NEMEIZE D & DNA filitiRlL PCR (27 5B
WHAIE LT 20 ng/ul CTHET 5 & TV,
No.2 @ PM-kit |Z & % DNA #itHig &2 Cix, o
B % bal-> Tz,

% < OFEFC, PM-kit XV & GT-kit D J7 A3 hH
o> DNA B 03> 7273, No.l KT No.6 (2o
TIE, WiFy FOEMTEAEENST-,

W 260 nm & 280 nm DEESMEDOWEIEEE . Azeo/ Aaso
I ATHETIE 12 ~ 2.5 OFIPHIZHIE PCR (i
L7 EThDHESNTEY, 27T DNA #iHik
NZOHBNTH T,

I 260 nm & 230 nm D EESNEDWSEEE E Aren/Aa30
I, AFETIE 2.0 Z TR EHEITERC 7 = /) —
Ve E DRGSR DB D PCR 239 £ <
ITONIZWATRESER H D & STV b, GTkit X
No.6 ZBRW\CTRBT 2.0 IV, T Ll B
THotz, —JF. PMkit (X, 9 HHETH D No.l
MOXNo.3 T 20 IZITVMETH 7253, No.2. Nod.
No.5, No.6 TIX2.0 #K&< Flal-7z,

FBF No.1. No.2. No.3 [Z 2\ TIEE DNA, &
£} No.4, No.5. No.6 [Z 2O\ TIIHEY DNA O %
HJE 95 PCR 21772 2 A, 27T D DNA i
T HBI BTSN R S i, B
FOGPHE T & bz,

&2 ELISAEICL B2EERBRREUPCREICK HEMHHBRER (n=2)

ELISA i DNA O E & & OFE R PCR
(ng/a) PM-kit GT-kit (PM/GT)
No. DNA R DNA J
N-kit ~ M-kit Areo/Ars0  Az60/A230 Azeo/Aaso  AxolAze AT MIT
(ng/uL) (ng/uL)

3929 1.91 1.92 632.6 1.82 1.88 -/- -/-

1 2.8 34
518.6 1.87 1.91 3854 1.86 1.97 -/+ -/-
5 20 10.6 1.76 1.52 772.2 1.91 2.19 -/+ -/-
' 6.2 1.80 0.83 572.2 1.83 1.95 -/- -/-
129.9 1.95 2.05 483.7 1.84 1.91 +/+ -/-

3 20< 20<
39.1 1.89 1.74 310.2 1.85 1.74 +/+ -/-
297.7 1.65 0.60 934.3 2.00 2.56 -/- -/-

4 19.8 09
190.8 1.61 0.63 1054.1 1.96 242 -/- -/-
184.7 1.79 0.78 837.8 1.89 2.38 -/- -/-

5 <0.3 <0.3
68.7 1.69 0.86 1059.4 1.87 2.10 -/- -/-
184.3 1.67 0.64 202.0 1.66 0.70 +/+ -/-

6 20< 20<
326.5 1.53 0.67 255.2 1.58 0.77 +/+ -/-
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Z UDNA K U2 DNA DR 2 H# & L7= PCR
ICHEL7efERZ R 2 17T, b, K2 DX VPCR
DFERIZOWTIE, HIFREESE Haelll (2 X 5 A OfE
ELZODNA THD Z EDMER SN2 DDA+
LRFL LT,

ZODFEHAOFRDH 5 No.3 LT No.b 1%, \WT°
NoHETH Z NDNA S &z, — )5, 2O
O OFTRIZEENIY, No.l KO No.2 @ GT-kit (2
X BHHE S 2 OV DNA DSk Sz,

—J5. 2T DNA [Z2oWTiE, HEHOETHH D
No3 b&E®, £ THRE SN2 o7,

F 7. ELISA THUBSHSR- A< ER B SN
TagduX Ay X —%ETr Nod [ZOV T, 2O
DNA & ONMZ DNA OW T b i Sehso 7=,

4. BER

RESIEEFORERFIC LD & DRI
PM-kit & ¥ GT-kit D7 3l DNA JREEDS &
HEIZH Y, 2T A S 20#HE L —E LT\,
FElZ, No.2, No.4, No.5 (xHLEREM<T [HIF) oI
BagENS EEbh, 20k ) i EHI R %
v MO DNAREDZENRKE otz 72720, [FLEL

MG OTENEEND EHEE S D No.b 1,
Xy MHOETIZEA LTS, ZORKIZIARHTH
Do

No.6 IZDW T, W% b & D Aro/dazo DIEM 2.0
%Z FlES TV, PCR Z1To THhIzE A, Mi¥
v FEBXODNA ZMEMHT 52 ENTE T,

Jeikod & 3V GT-kit (%, DNA fliHHZhHRIZ R VDS,
HIRE T CA A ZHIE D 7 2% B L TN Z &
M. HFEINC 10,000 X g FEEOEE Tml L TE
O EEEZAMLIZE LTEH, sBHT X - Tl 72
ERBHDENTLIFHEETONELDZERHY ., 1E
EENE LK T T D N7, —F ., PM-kit
&, GT-kit L0 b4k L LTo DNA BEEITK - 72
N, BOLTHTLEBLTN ZE0D, GEEH 2
LI E A E NS T,

ANTETEIZ ZAUX . DNA i D PCR ~DiEE A3 13,
Do 7> HHH L7- DNA J2EE. @A4aso/Aazos Aaso/ A0
DAEIZ K 23 DRBEO FTRENE, OF# DNA X
B DNA @ PCR IZ X DHfEs8, D 3 A2 X 0 Il
THILERD, RRICBOWCGRE LEZREIOH T
X, T HRLTHD No.l KX No.3 IZ2OWTIEL,

W OMEETYH EREO~@ &z LT,

B OREHT, MEENROBLSH D PM-kit %R
L7ZIEomMBWE Wz 5, —FH, 1T OTENE
EFNBHREHZOWTIL, GTkit [T X AR nE L

EZz bz,

Tz, KL Tl at e X 0 X —25 ez
BEE L7, ELISA V5 TITAFIC N-kit THI S 232 it
DHER S UTZ73, PCR L TIXAZ UGN N~ T2,
BEHERZFEH LN TAEMX, 5% 2 ET S
AIREPEDN B 273, el DFERIZE Y . aAaFiTo
WTCIE PCR EIC X A HERBMRA CIE LV VHIE DS Al EE
THDHZENyholz,

A%, 70 R R OB EI OF 6 BUBH A%
JE LT DNA k% g L7223, SEakeh & 722 500
TAEML BHEIOERTZEBY ZIEThi-> TR,
A% BIERNE DD LB, AL LRBREZE
BLTWEZU,

X m

1) Pk 30 AEERYT LV —IC B 5 AR
B 5 A & M %E F ¢ S E, URL:
https://www.caa.go.jp/policies/policy/food labeling/food
_sanitation/allergy/pdf/food_index 8 190531 0002.pdf,
20224E2 A 3 A

2) HE RS FrE AR 2 O D220 PCR RS
L RAYE, BINEATHERE, 55(1), 1-12,2014
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HRAREEREERE L ¥ —FEHE 5 32 5 (2021)

RENTOBRBEERERS
— TR 24 FEA DR 2 FEET—

X

aEEE fREES PR fEaElh REHD IR
TGS AWK TEE AT LARPIsE

YRR 24 AEFED AT 2 4EE £ TICHARIRN TINE SN EEY OB ERRER A2 LV L0, 2
FEW) 660 IR DWW CTHRAE 2 0 L7 fE R, BEEEZBX b0 LRIKIZST Thot, iz, RiEkE
MBI % BRI RIE 34.0 %, B AEEMIZEI T 2 EEBRTFEIL 609 % TH Y, 9FEM THRIL SR
L, S5FFHETH -7,

Key words : Agricultural products, Pesticide residues, Simultaneous determination

1. [FC®HIC FEIHFEFTICRATREEINLY X —ITHAS
Wt o X —TTlik, BARRENICIEL TV DR AU VLPE L PEY) 19 51 B 568 1A K O A L PEY) 5
DEEVEERERT D720, EICREREY DR fh B 92 iR, & 5F 24 Sh B 660 Mk E xS & LT,

-
—
-
—

IR 2 S LT\ D,
V1855 H IS ISR B BRI R Y 2.2 BREXMREE
T4 7V A MHRIESEA S L, R EENRRE S AR AR 2 1R LT,
NTWheh o BIRIZONTH —AEHE (0.01 ZOFTEYMEDNHER I I, ORI & RIS
ppm) MR bz, Fh LT D EINEIGRER 12 B TEILER Y 70
RN, Y Z B TH, TR ~120 % ThoTe b DA BAREHHE L LE 3 IC
~ 777 EEGHTEN (LU TGCIMS) &9 ) RLTE,
2ERWNERIK 7 a~ 7T 7 < EESNE (LLF Rk 26 AREE N 2SRRI T A O RLE L & FEHE
[LCIMSIMS] L9, ) 1EEMEH Lic—#& o L7728 Rk 26 A2 FE LARE I3 S b LT
HBIC L DREE I LT, %

AR 244 FE M FTAE VI IV T SRR L9 EE A
5 ER234E T F CIZ B2 L 7= R PEW) D F R ot d 2.3 ®EAHE

EIZOWT, RHRMEZ LD E L, HELT (1) GC/MS—F o #ri%

W2 Z D Al TERRAMEFE ) S A T4 E GCIMSIC & % s o — 4 iRt (EEW)
TICHE N U7 Y OF% BRI A IO\ T, (PR A7 4F 11 A 29 BT BRZEFE 1129002 55
HURIEE 2 L 0 £ L DD THRET 5, BT EEA SRR LSRR & iE

WLk

2. Ak (2) LC/MS/MS—Fn#ik

2.1 &K (RN 21 % V72 LCIMSIMSIZ X % 2 PEW
KLUIRTEBY, FRL 2494 A SHH02 PRI —FON 2] O—HEEE L5k
BRI AR 2 EH AR

3F i 2 —
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2.4 ZERUVBIESH

B THWEE L OCRERMEEZ L FIOR LT,

(1) GC/MS
i . O EEREFT GCMS-QP2010 Ultra
(BFn 2 FFEEIL M3 O B 2w )
QM HRAEFT GCMS-QP2010
(~SFoeEE £ <@ & [FIRFEE )
717 I Rtx® -5MS w/lIntegra-Guard®
(PN£L 0.25 mmXx 30 m, /& 0.25 um)
F 7 LIEE :50°C (1 min) —25 C/min—125 C
—10 “C/min—300 °C (15 min)
HEADEEE © 250°C
A H =7 2—R{RE : 250C
HEARE 1L
(2) LC/MS/MS
EE - Waters LC ; ACQUITY UPLC I-Class
MS ; Xevo TQ-S micro
717 2 : Waters #1:8 ACQUITY UPLC®

BEH C18
(N£&2.1 mm>x100 mm, i 7£81.7 pm)
AR 3 uL
% & : 0.3 ml/min
ZEFE : A; 5 MMEERE T =7 AR
B, A% /—

3. HRRUEE

3.1 EBEMRBEREIKR

(1) REEEY

EED RO B IR 2 & 4 1R LT,
AR 19 51 B 568 F{A D H B 193 Kk ) & K
DR &7, R R A IR R R (2

N DL, FRE SRR R R A
X100 &35 & BIROBEMH=RIT 340 % Th 72,
SRR H RS 50 %% R 2 T ELEEWIT . R %
<, WAZ 923 % (72 Frik /78 k) . Wb T
80.0% (4 ik 5l . b H 66.7% (4K
6 WifE) . B—=~1 60.0 % (12 Kafk, /20 Hafk)
ThH-o7,

FLMEME A/ % 72 b O, PRk 30 -1 LIk
V. ICACANST 7 =—F 0.02ppm (FEUEME
0.01 ppm (—EHE) ) BRIz, fhixs
THEEEANTH Y, T ORIREIZEERE %2 KiIE
W TEISETH -T2,

BN M SRR T EBEWIX. T AN
FAA (0 #iE/5 Wik | »2Eb (0 ik 1
) . EHbAZ L (0ME16 k) | ICA
1Z< (0 MR 715 fil) L iEiuv Lok (0 Beik S
34 piR) ThHot,

(2) MAREY

JEFEW R O IR PR 2 E 5 1ZR” LT,

MRS S H 92 BIED 5 5 56 MA) B ELEE A
B S, BEOREEIT 609 % THh o7,

WAPE Y & i LSRR RITE VS, &
WEEB =D o7,

ALy (23 ik 23 k) . LEY (10 f
K710 BR) ORI 100 % & 72 > TV D A8,
T, HHBEICR A hoN—_Z R & LT &
WTWBENOHRI DA = F Y LOF TR H Y —
AR TRTORENLHREINTZZ EIZLDHD
T<hd,

XA NOIE, BEIIRE I 2o (0 B
/12 /fk)

x1 BREXNREED
F7E . S m— : 1 PR 3% ___ _
VERR2ME L S R254EBE S R264EE PR 27AE . PR 284AE B S RR294E L S RB0EE BRI CAREE AN 24E I

17 AT HRA 5
20 2 5
3MED % 1
4% ¥y Y 5
5 ¥k 5 6 6 6 6 6 6 3
6 1T 5 6 7 5 6 5 5 5
7 RAR 6 6 8 8 8 5 6 5 5
8Lo5H A5 L 6 5 5
9 b~k 11 8 9 8 7 7 7 7
10 B, 6 6 6 6 6 6 6
LA LA 6 6 6 6 6 7 7 7
12 iz iz < 7 4 4
13 9 5 10 10 8
BiFnwL x 4 8 8 8 6
15—~ 6 7 7
WBIEFSNAZES 6 6 8 5 5 5
17 Ao 3 3 3
18 ¢ % 3 3
19T 12 10 11 10 11 8 8
20 ALY (fhA) 3 3 4 4 4 5
21 v A (l@A) 6 6
22 3G (H@A) 7 4 5 5 5 5
23 X7V J1 (f@AN) 8 4 4
24 L& (A 3 3 2 1 1

B 80 87 85 85 70 76 61 71 45
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GC-MSEL IR EH H 237/ 3

K2 BEARRE

LC-MSEE SR EIH H - 54k 3K

1BHC (a,B,7,9)
2 DDT(DDD, DDE#% % #¢)
3 EPN

4 EPTC

5 XMC

6 y-BHC
TT7T7 VS MU
87 afy—n
97 VIR A AT
07k#I7YF
nrehrzo—n
R7E7x—h
BT LIV

U7 =R
BT7TARN
16777 1m—
W7T7NVRY) R T 4L R~
B87LRAY

19 A kA

204 Y FHFA4
204 Y 7= VKRR
24 TahLT
BAYTaFFT
24T VI
254 7R UERRA

264 ~PFRALRUXAF )N AT )V

214 I_vafy—
28v=aFY—LP
29T AT ahNT
=HZNVTNTY

L= F AT = HNT
RTFH

BT 47 xrHRA
34 fFH—
BrhT7zrTays A
Jr-h7AE—F

¥ hTERA

B NALVT 7
IRy
DWAXHTT

A FFH XU
RIXTTNVENT =
BV~

44 J XY R A
45T 2 A b —)L
46 N 7B R — v

47 Ny u
BHNVT 2 hTS T
49 VR FX T

50 HIVKRT TV

51 % F )Lk A

5%/ Fv 7
8Bx%x/773Iv

54 % ) AF A F— 1

55 %y 7

56 ¥ k€

577 LY XTI AAFIL
58 7~

50 7 m VB — LT A F )L
60 7 1 LT

6L 7 a LY IRA

627 /Y RAATFIL
637 )7 e

64 7T IR A
65 7 )T T 7 A

66 7Ty A

67 7o _yYL—h
687V

69 7 /AR A

F(IPES N AET Y s
VR A=0 SN
Y7 =rFEy
B r7a7LV7=F
AV aRy T AFNL
A=

76 Y7 nVRA RO LR
77V ak—L

8 Y

79 voNaiky 7T F )L

80 Y 7=xFIK

8l Y7 =/ a)fy—
27Ny

B INT =S
84 v roaty—
8 A NY v

86 v

BT VAL AN v

88 VAT

89 VAT E IR A
M ATFFIFK

91 YA hx—}
RUARNY

BV AL — |

YT INET e
[ = A
%A/ T =
97 V¥ H IR

98 # — /N L
NEAT V)

100 F AR BT
101 FA A b

102 F 7 LH I F

103 77 B

1047 hZ7 7L E VKRR
1057 h 7 Uk

106 7 =/ 7 1 — )b
107 77 aF Y —n
1087772 ET K
10977V kU ¥
1105 A k> —S—AF L

159 77 I K

160 7 = > AN F A v
161 7 = F A

162 7 = k= —h

163 7 =2 "L L— |
164 7 =7 a)ry—)
165 7 =7 r/RN R v
166 7z 7 rbEENLT
167 7% 74 K

168 7' % 71— )L

169 7' % I 7K A

170 7 F L — b

171 7 ) A—k
1277072y
17375670y FAFIL
470770y A
175 7 )vF v at >y —)u
176 7 Vo FF Y =)L
177 70y b U F— b
178 7Ly T/ — v

19 7 NVFTEY BAFIL
180 7 )V k7 =)

181 7/ F U 7B —v
182 7 N — |k

183 7NV IAFH T

BE TN Ty I RFI

185 7Y K

186 7L F T/ m—)
187 7u v I Ko

188 7' v F AR A

189 7w/ m— )

UWITFAZARI RO RTRA RN Y 190 T RNV

M2 507 kU v

13 F TR A

14 RYT VA=
115 FY T VAR

16 RV 7 YRR

n7 rY 77—+

U8 V27—
119 hY 7k A

120 kY 7T Y v

120 hYV7rFr A by
122 V7 B R A ATV
123 V72 ET K
124 F 7RI K

125 =t —AYTrEN
126 J VT NT Vv
2737 a7 v7 =)
128 /87 F A~

129 T F A AF
BNV TorTay s A
BLralFrzr

1R EeTFNLE ) —
BT/ IR
Bae7=-zr b

135 BNk A

136 7 7 mak A

137 7 kA
1BBETINLT =TI
1) FT e FFy
140 v Z R
MWMvevVr-)v7 R
W2 v 7FhNT

JZCR R = S e N
W) Ih—7
WY IV =

U Y I RNy T AF
U7 Y IFAAFIL
Mgy Ax =1

J =i o =

LV = A I

151 7 4 7m =)L

1582 7= F IAK A

153 7 =+ U E N

154 7 x=brnFA
1585 7 = / ¥ ¥ =

156 7 = ) FAINT
157 7=/ k) v

158 7= /) T HhVT

191 8=

192 Fu ¥y b
193 7muaty—
194 7 EHF IR
195 Yo b Frdy AE
196 7’17 = J R A
197 7R ¥ AL
198 7 m <L
199 7 A RY v
200 7B ETF K
01 7rETREL— |
202 7' 1 E IR A

203 ~FH R E
204 ~FH ) —)u
205 ~FH Y v
206 N T X v
207 X/ FHa—n
208 ~7 X 7
209 N~V A KU v
210 Ry a)f—
MR FAFINT
QRLRT 4 ARY v
2B T7NT Y
214 X7 LtE— |
215 RH

216 R AF T E— |
Q01K A7 7 K
218 R A A w k

219 kL — |k
20~T7F A
21I7uTH =)
22 AH I RAA

BAZTHRUNRORAT = ) FH 4

24 XA FFHNT

25 AFHF A
226 A FF¥ s m—)L
21 A T L

28 A I/ A bhmEY
29 A FT 7 m—)v
230 A B RA

281 A7 xSty b

2R AT = ENT T
233 A=

2B4F /71 AR
235 L vor

264NV N7 = VT ) — )b

2871V 7 ==)b

1 XMC

27 FRAF R A

3T VUIRAATFI
4787 =—Fh

57 Y%A
67 =miRA
1TT7T=NT

8T NI ANT ROT VKXV INT

94 VFH 7L k=
041y 7Tahnrs
1A TN LT
2A~vHFI N
BAIFsarY K
UAYy RXHHLT
5T AT ahiT
6=F A7 =T
17 A% I

184V HY

19 Y v

20 HIVKRANT 7
2WHNKT T
Rr7ua¥Fr by hAFUL
BrsaFTr=vy
270~ 7x) YR
By
26707 BTy A
20T T 7R
2872 VRA KRS LR
29V T7NVT7xF IR
vTur=

3L AaFY—
RIAFYVE—N
BFTI/aTI R
UFTRUHE— )L
3B FT A bFH A

36 FAHNLTHRAY I
3V FARUANT
BT AAT 47 7 A
K I AN N = I
0F7nr7=YFK

M ETVYx—F
Rryrzry R
BEYVTFHINT
MT ) XTHNLT
BT ) THANT

46 7Y LYV
4178 7 2 F T
87 TFAINT
QR Tty
50 X7 T hNT

51 A% I K&K A
AMFV 7/ UK
53 & U & — |k

544NV KNT 2= VT 2 ) —Ib
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®3 BREREEEH

oA I H #

i
REN TR e TR TR26T I TRaTAE ko8 TR TR0 AR nhE  RRZEE
17 AT HA 244
20nWhb D 244
3ShEbLR 188
43 ¢ Y 77
5 ¥k 233 135 129 109 108 113 114 122
6 ZI1FH 252 218 158 144 137 137 151
7 RAR 239 233 164 173 151 154 157 141 74
8LH5HAH5Z L 115 153 146
9+~ b 259 246 202 201 179 185 151 91
10 EWG 238 237 121 128 122 117 129
WICALA 233 238 167 162 146 159 142 144
12 1z Azl 233 70 61
13 X 244 218 147 136 146
14 Fhv L x 252 230 155 149 60
15—~ 249 165 171
16 I1EH5NAZD 229 197 146 173 190 160
17 Ay 160 155 121
18 ¢ ¢ 162 156
19 AT 247 225 167 173 152 156 172 169
20 ALY (HA) 122 152 137 89 145 134
21 % v A (§iA) 180 169
22 NFF (#A) 252 237 153 104 152 145
235705 (HiA) 169 152 140
24 V& (HA) 132 170 164 111 161
SEH 243 232 152 160 148 142 149 141 103
==2] - B8 sy > 3
=4 BEEEVICETIEERERKR
ST B % -
No BEW gemomikm o) PR
17 AT H A 5 0 0.0
2k = 5 2 80.0 TEHXITUER, TYRIAIrEY T bRYY - FTTET R, TR R
= : I uTHE=L
IMEL R 1 0 0.0
4 % R 5 1 200 Th7zrFrvsR
T hTxzrFuv IR ruFr=Ur LA RN BT T — L
s . . .
EESE a4 19 432 MV TZ7 2 BF R, Z2YnVy, THI5A4 K, FALRT=L, FTuEsF KR
6 ZI1F D 39 1 2.6 7 uFARA
TEZz—h, AFXFVIN, IJrAEYUFRRA XL RA R M7= ET R,
7 KR 57 13 22.8 NS
8LHsHA5Z L 16 0 0.0
TEHXITVKR, TEZ7=2—h, 7VFRAbuvy, f£IF a7 K, ZaFr=r
9k~ K 64 29 45.3 sanze=Fe, VIV 77K, PR NI HNANT DTz af =)
FTrorsua YR, ML T72rETR, IATFEFI= 0, LA R AXIFEARRA
10 B 42 3 7.1 TET7xz—h, A3IF I TYU KR, AXIFRKER
LicACA 51 4 7.8 TE7z— ¥ Tz hTzr Ty s R VRAARNY Y T baFf
121z iz 15 0 0.0
. TEHXIFYR, XA LY, T hT T uy s A JLYFULATIL,
Bz 2 B B2 LA RY . AT Y ET R, TAVAR I = LA R Y o
W FRv Lok 34 0 0.0
TEHIFYRN, TET2—b, TYFIRIrEY, A3IF 70 FY LR
15 v—~ 1 20 12 600 I hT7xzrTUuYIA FAVHIALTRERAY I, ML T7 2 ET R Ty R,
N APY Y AZIRKRA A RFT T2 PR
- - AIFsaFY R, raFTr=r YTV TFIR VLA NI XATV
BESnAts B8 29 G iR P L, SRR, RV Ty
17 A v > 9 4 44.4 TETZ7xz—bh, TuFT=Ur, FTI7aFIY K, AXIRFRKA
18 %% 6 4 66.7 FTEHXITUR, JLYFLARAF N, vaFT7r=y, 7T afby—)u
TEHXITFTUER, FxTHx srAEVRA o by VTR T RY =0
199 A2 78 72 92.3 AR RY Y, FT/a YR, Ry TaF ARy, Jx=kaFt,
TJxrZuxXprYr FarXy b
W 568 193 34.0

3¢ FLUEfE I H
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x5 WMAREVIIHEITIRERERE

SrpT

e

No BEV pm mtkm e P R
141 23 23 100.0 A~=HF V)L, HALRYL, ZuaLEURA, FTXZXS— ) T T =
2w o 12 0 0.0
3 8F > 31 19 613 ;;j}/;;fb;)ij*})‘gzﬁ suFT =T, ZaAEURA, FTRE S L
4,37 B 16 4 25.0 ’;Z;iﬁ? ;\');giti;:j\ rmaLr7oFeEN, Frra Y R, FFTARKIFH A
TYFRAIREY, AFHF VL A IFIBTY R AL P T == T =) I
51 % 10 10 100.0 Zua e URA, UL AR FTRE—L BV Tax T a2 BU XK=
Tz ZuaNbY . wTFA
f2Y-4 92 56 60.9
3.2 BERIORMEL ORI TR I S N7 IR, SEREE T o7,
K245 EE 7> B A FN24E EE OO T S 4Tz Fro. R—MIED EE O R S v 7o

AR A ROITR LT,

BLHY | FESBHRRAEIT 448 I TH o T2,

R6 FRUEE~TN2EEREEE-E

No. f L T %ﬁ“{fﬁﬂj MY (PR30

12~ A RY > 61 LAk KBROA) CALAD REMWW FO5RAZEHIQD HAZTGB) LEU(D
2 A4~V VU 33 AL (23) NFF (1) LE (9

B3FT R HE S — )L 33 F LY (@23) N F (1) LEL(9

A7 /XA B 31 Wi 2 (1) h~ K (10) &7 E—v(2) ~NFF @4 LED)

57X IV K 30 WHLIZ(@) P~k B AEOQD EF—~r0 HHL@ VAT

6 7 oL kA 25 KB@D HWAZTO AL (@ N FF A4 L+ Q)

7RV 77X R Fa 25 Y T (25)

8 hL 7= VTR 20 LKA KRG F~hF@ RKREO -0

Qs F T = 16 A2 F~F(@ F5HAZHI>R) Aurr@) bHLHB) ASNFFA) STV (2
104X 2707y R 13 F~FGB) Enwhd E—~r@ F5HAZEI>AD LE(

11 N 25— 10 ¥k (10)

277 x=—1F

KARD F=F@ EwH @ ITALAQ E—wr@ Az

13 5 v 7 &

D A Z(8)

UFT7orua7V R

F~h@ A (2 HVAZT@ A7V LQ@

15~ X Y >~

F~1FQ® H&EQ EF—v (@2 F5NAZ5Q

16 A Z I FaR A

F~h2@ EVWHB E—<2 Q) Az (1)

17 >one h Y > 0 (6)
187/ kY~ v T (6)
19 7 LV LK (6)

207 =7 N kU

Vi) LEC(D

2l h 7oy g A

Frv(@D) XKD CALAWD RhEQWD B0

2 7 LY X LAFIL

NER bbb B

28 7 x=braFA

ICALA@ vAZM@

24 7 %)L v b

v A Z(5)

25 7 L7 =) )L

F~ 1K@ X7V B2

2677 73IFK

F~F@D F5HAZS50

21 F 7 A XYL

FE5NAZES @ RNFF @ TV

2872 U oXF T (4)

vy rafxs o NTY AR LE(2)
0 79T A4 F LK (4)

BT uETF R LK (4)

R A XY I KAR (3)

BANV T =) T = ) — )L L& (3)

B4 N T =T F~ K (@3

3B Y F X7V 71 (3)

36 7T F XY =L

F~F@ HEQ

3 S I R

WhHLIT (D) E—=(2)

BT 7 VIF U~

XTY B (2

P FAFTE—F KAR (2)
40 I a7 H =) W 2 (2)
41 = kXY v — )L Wi 2 (1)
AN F LT (1)
7> /) A — F~ 1@
v A Z (1)

AT v

Fo5nAx 5 @

42
43
4 7 a =)
45
46

FATCIHNTKORRA Y I

B —- (1)

T 77T K W 2 (1)

48 U R X =)L L (1)

Q7 Tafzy— b b @

50 7 7 = A1 (1)

51 7, k5 =)L 2K (1)

52 7 1 F Ak A ZiES
53XV T xS vT ESNAZ S
54 ~ 5 F A LE (1)

55 XA hFX T =/ K

Rle|k|r|rl R R R R R R R R v v V| ||| w|w|w| s s s s]s[slo|o|lo|lu|o|o|o|o|~|o|w|o|o

E—= (1)

B %

3
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R ORHBEENEHOVEET LA N T T
FEEEO EEY) 61 RIA DR Sz, 61 Biko
5%&@%i@h”?%ot

WCHHBEE RN SOOI, A~ Y UL 33 Kk,
%TA/&/~w33@w\7/%/kat/
LR, TEXI 7V R0 MKTH-7=,

T OMRINREL, &EEMIZRT D HEMEE
ZKIEIZFEI>TEY, MERLEERERACTHS &
Hesnz, (E7)

x1 BRHBENSVEEORKRERESHE

e I JEE i P FEHEfE
VAL A R Y v ¥k 0.01 0.05
KA 0.01 0.05
AT A 0.01 0.05
nE 0.01~0.02 5.0
FEINAED 0.03~0.13 20
DA 0.01~0.07 2.0
LEY 0.01 2.0
PR Ty 0.01~1.24 50
NP F 0.11 2.0
LEY 0.01~1.41 5.0
FTRUHT L FLy 0.19~1.63 10
NP F 0.05 3
LEy 0.14~1.60 10
TY¥VARBEY Wi 0.59 10
k= k 0.01~0.092 3
nx 0.02~0.176 10
R 0.01~0.08 3
NP F 0.019~0.19 3
Ve 0.01~0.88 10
TEHZITY R b 0.20~0.57 3
Rk 0.04~0.06 2
nE 0.02 5
SR 0.01 1
[333) 0.04~0.17 2
VAT 0.01~0.17 2
EN CTEIEFEDIRNA L I RIRAN, b~ b,

EWh, =<, A 0 T7BRENSBEE SN
TWER, ZNHORENGIETE7 = — M bk
HEnTwizz enb, 77— M3RE S
AHZIRFRABECHRHENTEbDEEZ BN
776

3.3 HREBEEBABEYH

SRR 24 7 B AT RN 2 A 0 9 AR THEMEA B
WL, 77— XA EINTZIZACA
LIEDHRTH -T2,

IZACADT &7 = — hEEUEE 0.01 ppm (—f
FEYE) (%L, 0.02 ppm Ak H &7z,

AR TIHE L L 2 A, AES TR
DEXEAEELTEY ., (A CAND 30cm Bt

-114~

2RSS 2 F ACA N b T R AL TV 2
EWFERTH- T,

3.4 BRHEEOHTE—BHIERME L ADI L DK
BEW DR SN EIRIZONT, B Mkt
TOHREEEZET L0, HLERETHREIN
T IRPEMNZ DN T E O KRR IR EE 7> 5 — H R
BEHEE L, ADI GFE—HEEE) Lk,
QM B & 7= 55 FiEE O 2K o fe K HH R
(ng/g) \TFDEPEMO—HERE (g/H) %%k
Cl-bozriE—HEIEE L (H) . KE
50kg D& MZFT 55 EHED ADI KT HEIE
EEHLIEERE£SITRL,
KIEPE O — BERE I, ST AR T [E R
B REREORMBRIREREEIE (/H)
\ZHt~ 72, ADI X HAX(X IMPR (FAO/WHO &
FRHREHMAFE R O IZMEH L,
ADIZKT D EIGN R bE NPT DIX, 7Tk'Z
=— F®D 10.66% TH - 7=, A S -3
TORIEIZOWNT, HHEBRLZE LTHEFE L
MEE R LAV TERNEBZLND,

4. F&&H

K 24 AREN D AN 2R F T 9IS H R
BN CULE T2 EPEY) D FR B R 3R A F XL
TorBY Thotz,

D) RIEMR R, RPEIED S 34.0 %, B A EPE
73609 $CTHolz, HEFELEBH LD DX

T 7 z— FABRHENZICA LA LBIEET T
HY., T T XTCHEEHENTH -,

)M ST BRI T 55 FEE CTH D B bR
DEWVERITIT LA R v ThoTe,

X |
1) TG BEEY b O R R — 7
FRTOEEJE s & SRR 234E B & T — 5 AR PR BR I PR
7 —4EiR,23,36-42,2012
2) &Iz 0 1t - BRANAilEVE % 72 LCIMSIMS
(2 K D EPEW T DR R —F . BT
MERE,47,137-145,2006
3) [EI N7 [E S A SL AT AT ZERT TR ADI B E
T — X ~X— A | :http://www.nihs.go.jp/hse/food-inf
o/pest_res/index.html



®8 BRUHREDOHE-REIME L ADI L DR

e e KB HEE — AR ADI %t ADIEL
1L~ A RY v FES5NAZD 0.13 1.170 1.10 0.11
24 =HF VU | 141 27.495 1.25 2.20
3F TR — )L Ty 1.63 31.785 5.00 0.64
47 R A EY LE 0.88 17.160 9.00 0.19
57 8%I7IU R Wb 2 0.57 0.171 3.55 0.00
6 7Lt RA LE 0.22 4.290 0.05 8.58
Th) 7o At DAZ 0.08 1.416 2.50 0.06
8 M7 BT nE 0.31 14.229 0.28 5.08
9r/maFr=v Eo5NAED 0.53 4.770 4.85 0.10
WAIF a7 R | 0.06 0.282 2.85 0.01
ULy r7— B S 0.12 35.640 2.50 1.43
277 —Fh Awa 0.39 12.792 0.12 10.66
By 7z DAz 0.12 2.124 5.00 0.04
MVWF7r7ua7) LR DAZ 0.02 0.354 0.60 0.06
15~ A KD~ - 0.10 0.470 2.40 0.02
16 A7 I FARA r~k 0.031 0.502 0.03 1.79
7 orm by~ DAZ 0.03 0.531 0.43 0.12
B 7LV Y~ DAZ 0.02 0.354 1.00 0.04
197U LV E S 0.16 47.520 0.95 5.00
07 FuxXbl v DAz 0.12 2.124 1.30 0.16
2l vy Tay 7R nE 0.27 12.393 1.55 0.80
2 7 LI ATV h& 0.03 1.377 18.00 0.01
BT xz=ruaFF DA 0.02 0.354 0.25 0.14
24 7Ry b DAz 0.16 2.832 0.49 0.58
5 7v)V7 )N NTUH 0.13 0.611 1.30 0.05
267 773K FEo5NAZED 1.00 9.000 8.50 0.11
2 FT7 A XV A FOoNAZ S 0.21 1.890 0.90 0.21
87 M)~ NF T 0.01 0.161 0.50 0.03
VD) raexs 7z T U H 0.04 0.188 5.00 0.00
NV 7HI7A4F YK 0.02 5.940 — —
AT rETFF oK 0.03 8.910 2.00 0.45
RFFHIN KR 0.01 0.257 1.00 0.03
BFANENT 2=V T =) — ) LE 0.03 0.585 20.00 0.00
B T2 INT r~k 0.01 0.162 21.00 0.00
By XTI A 0.26 1.222 0.25 0.49
BTN AXY =L =k 0.08 1.296 16.50 0.01
37 FuI P~ WH 2 0.03 0.009 1.75 0.00
77 VFrI T U H 0.02 0.094 0.80 0.01
NFERAFTE— | RAR 0.02 0.514 0.05 1.03
VIr7vrd7y=) Wh o 0.06 0.018 1.20 0.00
A bWy — Wh o 0.02 0.006 2.00 0.00
42 o8 v Ty 0.02 0.390 0.38 0.10
37 x)a)ry— ) k< b 0.02 0.324 0.48 0.07
M Tav=n DAz 0.01 0.177 1.35 0.01
B AT ) EORAZ D 0.01 0.090 0.05 0.18
B FATHINTRRRA Y IV - 0.27 1.269 1.40 0.09
MT77ET R WH o 0.05 0.015 0.11 0.01
B U AKX=)L LE 0.67 13.065 8.50 0.15
QD7 TafFy—) HH 0.01 0.328 1.50 0.02
5077 a7y Ty 0.04 0.780 0.45 0.17
517 )V FZ =)L B S 0.01 2.970 4.35 0.07
52 7’a FAFA JIES 0.03 1.377 0.08 1.84
BV T7=F w7 FEoNAZS 0.008 0.072 0.10 0.07
M=FFF LE Y 0.01 0.195 14.50 0.00
S5 A MXFT T/ TUR - 0.01 0.047 4.90 0.00
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HARRRERE L 2 —Fl %325 (2021)

RWVAX YV ZHRBRIEZRAVHTKEDD 1, 4-OF 345 0 0OiFLRER

N
o
&
painy
o

R

HTFKEHD 14-2 A AR EZ BENFERCHRET LTz, ROGHRE LT, KRBT V1 ) OBEMESAET
TAULAR Y THEEE GRARERTE) 2 5 J71k 28O, SRR OFEE, IR CORNEE & il Uiz, ZOREF,
5%FETIFENLAT OREDIVAF Y THilg T MU v A BROVKERL A VST LR&EIR S DU NE pH 12 BLE
TAKERLT B U U AEERESE, BKICH LT 1LEOLTRES LICEEIT, 14-U4 % O 1 25
2 HTHoZ, £o, KEBRIET NV U AEHAOEEAICE, RISRICE SN BEM OV IeoTz, LD
BRE RS, BRE LIEAIDOLRIET, 144K OEENAIRETH S Z LIRS,

Key words: 1,4-Dioxane, Peroxodisulfate, Basic condition, Groundwater, Waste water treatment

1. [FCHIC

14-UFFH 0%, - rEE L 1(a) (TR TER
R —T T s 12 CEs 101 CT D THY,
AEIEEWIL AL, OO EY IR
RT 2T e FoMEEETH D, ZOWEIZ, =
FL o7 a—LoOKiES TH LIV, ARk
b R NS o BT EOREEE L
TEHAENT, T2, MOBRBERLL &A1
IEEHDOERIZE T HEIER THLHH, Lol
ZHUIHEEWETHY ., 7y boKROSaMkEEME L
L C LDso 2% 4200 mg/kg & ST 5% 2,

IO NA4-THEX T, FHiE - A TFREOARE
BEBIGOM TR OMHINTEY 9, ZoH
B AFIREE SE2720120%, 14-V4FT o0
FALDRKERFRE L 72> TN D,

—Iz, KE T OFEREEIEE Y OB L TIE
& LT, MBS D WD L FRY I LB S E TSR
ERTWEY, L, 144V 08Ee, K
& OBFMPEDRD THR < | IK-Z2D KK 7 BLH T
KIB~OBATH D2 Tk (NT Y )
EOHENFGH TR, FBNeRER R ED
RWNEWSEERR D D,

ZO XD RRUUT, I, 14-V A F 5 Ok
Fikl LT, B bR X 2ALZMBREFIES R
FEND L Ol ol, EOFEL, ARy
T HifstE GRAEBEE) 2HVbsL0Th D,

AFRIT, F& ATFREORERFESYICE
W, ZORbA & AIKHE VT2t 2 320E L
T&E720, ARl YFFCid, Yk ke HARIREY

(23 ATREDN &) D iERR T D 72 dIz, BRI
% 1A-VHAXY L OGREFEREATST-OT, ZD
FERIZOWTHET 5,

0
0
0 W ~0
m/mMﬁ/
S G N,
07 Ni_ 0
0

@1,4-FFHg> O)RILAFYZRHREAA Y
X1 BART 2ILFED S FiEE.

2. RIVAXYIRBRIEICKS1,4-OFF 52D
NEDERILEREE
2.1 BhFEMRERGEEH YD

VAR Y TR A A $:088 DAL G D
PRIGARITI(DHATEZ 65, & OEVVEERL
BICEALL, A MR KR, W~ T R
A F OIS L RRRETH Y . 8170/ b))
2T D,

S,0¢% +2e- —2S0,> E°=2.01V (1)

2.2 BRAERIGEMROEREE

VAR Y THERA A, K 1(b) LB,
1 3 FH=h 2 HORBERFA2EeA ¥y 7 =4
YT D, THUT K DAKEEIE ORBLOSHERE T
pHIZIKF L CT VA NFEE G A ML ST
2
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(1) BEMSHT7ZILAVEEHTOKERFTD
RIVF XY ZHEEA T DR RRICHEE Y
KR OB S HME, BT U Mg
E(pH>0.3)TiX, 2 B FEEDOISQR)AIT L Y K
PRt L CRFEEL L 25,

$:0¢* + H,0 — 2S04% + 1/20, + 2H* ()

FOGWCENT, ~ULAF Y TRifgA 42 Doy
R, £ O-0 G DHERACEY Z T
=& THHHIET IV S04 AT 5H3),
MK ERIELTE RrF T LT UL "OH
HZ(@4), VT, B Raxi uT Uh Vs
bRt % LCliRZE# 5 2 5508, ZORISIE, %
SDOFERIEDFER L SN TWD,

S,08* — 2S04~ 3)
SO4 - + H,O — SO+ + "OH+H" 4)
2°0H —— HxO0+1/20; (5)

KO THEKRLHEET v FrFX
VTP HNE, HIERRD VX Y i A A
ST HAMREME BRI SV TER Y | S
B ShTna,

pH>3 ([ZRBIT D~V A Y T HilEEA A2 DK
IMRTCAERR LTS i, — 808, Wi
JA(6) TV Y TIREEA AU NTR D, T DIE
I O .75 A A W s SN o e <A 171 - B = MV
LbEFEIIEIRE, XY BTV
$:0s " HAERKT D7), HHWIFAKNBE RrX v
VTN EERRT D (4),

557 V7 U PE(pH<13) Tl KISRE@) D L0,
Wilg 7 ¥ DK A F o 2t L <, B R
ORIV T VAN EERIED, VLA F Y T
7 oS08~ 1L KEKIGELTE Fr~LA
FINT TN HO HZ5(9).

28047 — $,08* (6)
82032' +SO04 " — S,08° "+ SO42' (7)
S04~ +OH — SO&+ "OH ®)

S,05° -+ 2H,0 — HO,"  +2S04* +3H" 9)

b RafxiLs UhviE, mEA L CGRER LK
F a5 2 510), BRAKFIZS BT, e 7 20
NVERIGR L, B Ra~LdF T Pa L L ik
ZhHzA1), & Ra~ Lt v T 20 Vidhiig

FUBNERIG L, BB, KEA A B L O
A A EBERT B(12),

20H" — H)0O, (10)
H,O,+ S04~ — HO,* +SO42'+HJr (11)
SO4 " +HO, — ’5042""‘024‘HJr (12)

WELAKFITEZ, B Rax I U0h Bk
Ne FeAdXx LSV LEREL T,
(13)(1H)RXUT LV | R A~BEHEICBIL SN D,

H,O,+ "OH — HO," +H,O (13)
"OH+HO," — H,0+0, (14)

b By, BBENSTHT VL VHEOSET
TOIVA XY TWREEA v ORI,
2T VANVEEKGE S TWD,

(2) BT7ILA)EFHETOKBRRTORILEFY
ZHEEA A O ERIGHEY Y10
ZOLRMETIE, ~Ax Y THA A E,
FE A NN 7K 43 f#% (Base-catalyzed hydrolysis) % 2 =
FTIEPMONTND, TORIETIE, ~AF
Y IRREEA A ISV X Rl A A
S0P B L %H(5), ~AA X A+
SOs* 1%, FilgA A L FRFRIT R S5 (16),

S,0¢* + OH- — SOs> + S04 + H* (15)
SOs> — S04+ 1/20, (16)

OV XY il A A SOs> 1L, iR bk
ODIBIEHETHDLE ety K7 =4
HOy %#5z2(17). £7=, ~vAx Y “HilgA 4
ERINL, BRBET VANV B L ORA—/R—FF T K
T=Ar 0 B52DEHESN TV AS),

SOs* + OH" — HOy + SO4* (17)
$:05> +S0s> — S04 +S0++ 0, "+H" (18)

AR LR T ¥ B uid. (4)RELRE &[RRI,
T UANEEH)ET D, A—X—=FF T KT =F
SR, VAR Y TR A A RS LT, £
Wil = ¥ v &R 5 (19),

S0 + 0, — S04 "+ 802 + 0, (19)
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ST VA S BNTYH, ~ULE R Y TRk
FA 72 OIKGRIZ, 7 U NVEEKETH D |
ZOHFLNEE AT D TV VIEERL, fiEE T
AN Rax T UhLThHLEEZLN
TW5,

3) BMTILA)EHDOKBRPICEVNTEHEREYZ
PR BHeEiE ™"

Furman et al. /X, 7 ¥ 7 /L §ii 2 A (Radical
scavengen) i L C, 7AW UV MESRMETOT Uh
JAEEREDOHEE 21T > 7=, Al & LT, Wil 7
CHLBLIOE FaXxi LT DL ARt 5T
=V—)b, E ReXI I THAOLERIETS
gl N = AV VA = LAY

pH % BEPEEOICZE 2 T 2 & OREHEA| D8 23R
DOFRRFEAL 2 JE LI F pH>11 OFEn & X2,
HERENE L ol

WIZ, pH12 L LT, 7T=Y—%&7u—7¢
L. ZREIHO T 2 hNdRA e s, 7
=Y — VOERFERE Lz, A7 Lo
T30 B DOBERN 99 %L EThHo7=, B R
BX T IANDIRERMET D tert-7 T VT IV
a—ABRF LTSS, BEXOE Fexirsy
TV E R T 2 VD e 5 2-7 m sy
— B LT GEI2iE, BRRIZIENZET 8 %,
12%Tholo, ZOEBRBERNG, BWEICKVIE
ML STz~ UL A& Y THREEA A4 DRITEBWT
[ N Y R N - A AN A e
ERETZENRENTVD, BB, Z0FER%E
= bR BATONT BTV, RO & 15
T35,

t ReXx g UhnE, Mg o e KE
A A DORIG@OIC LW ARKT 2 E ST
Do

Wilg =7 > BV ORL IR IE5V A, B R
XUV T VU AMIARILAE Y A IERIRIC IR LT
HEINTWD, o, BT VA Y FETIZEN
T, WERBEOVA XY “HiEEA A4 RE I
THEBRRKRENGEIC, = brXBAZKT S
P LIEME RN BV E 2R L TV 5D,

VA EAyS . Furman et al. (X, 5R7 V0 U PESAE
TTAUVAEFY THERA AT, OB ICx
LHYEFRE O LA E T ETEMED E &SRR LT,

2.3 KEHRD 1,4-OF XS5 DRRICET HE
TR

(1) AHHOEEERIG® ™

KIRIE T TV AR Y “RERA Ao nbEL S
T HNAEVERED 5 b EEERR LR LB A < |
B OGRS B O OIINEE 7 ¥ L &
ERefxi I3V ThD, B RaFi LIy
HME, ETRBEIRG, KB EHRERS, BX
DT VAN B &R T, —F., ik 7
CHNTEL AONDDITEFBEIIETH Y,
FOGHREE & WilE T 2 L DIE 9 /NS,

t RaXI LT PO REEIL, BHCRIE
PEDS IR & B 2 DD IR L& B\
T, WilE7 AN L L T REWEHRE SN T
W2,

(2) 1, 4-CFFH DB RIE

Felix-Navarro et al. |3 pH 3~11 O T T,
VAR THREEA A AR KR & LT, F oy
BEBIWNRELZEZ T, 1443V 0L
PR A — IR BRUSIREE & L TR EOFER,
pH 11 T b ISHEN/NS W E DR EHTH
Do

Z OWFZEIEL, RN ER LT8R v U S
(PHZ 12)DHFEFAIZITFZY L,

Wete & DERT, ~ULA XY HilEA AL DA
HAIERE T 0.025 mol/L TH D, ~ULAFx Y ik
A F L OMKRGIETIZ, KFEA A% 2 YREARK
35 W, —Jk, pHI1 (X, [OH]=0.001 mol/L |Z4H
MF B0, ~IVAF Y ZRRERA A N5 2 DK
FAAERRLENT, RISHRD pH ZrFFT
ERVWEHETH D,

LoT, Bk boWbix, w7 ULt
a2 L7 b DO TIIARWA, ~LA %Y il A
AN LD 1,4-U XY ONMREIG, ~vA
XY THiEA A ORENIGEFEI OGS, IR
OGHRENRIZHEY Z 2R LIZE VR D,

3. MEBLUAE
3.1 K, AES L UHKER

KL, BARE RN T O RS R AR S
THTHRWT, 2021 46 A 21 BITERELL 72 H1 Rk
(1 4-CAFV U EE 04l mgll) &Lz, Zhz
RN= 557928 %2 . GC-MS 12X 5iHliZ & T,
6 H30 HETITKRT LT,

~ULAR Y THiET MY U A GEEEET N Y T
2) 1Z. ADEKA #:8% v iz, KEgbT+ h U o A
(WP Y — &) 1%, AGC A8, KER{b Lo 7 A
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GHAEIK) 13T~ T ) 7 XWaE iz, F4
Wil 8 U o AHOKFIIE, FOEMigE TR OR
SRER L & N 2,

1,4-U A Y NBAEN  1,4-2 4 Y L -dg IEUE N
X, BL7 A AToeiskRl e v, ik b
U 0 IFFOGMEE TR OFEERER &2 W T,
KIEL GC-MS HIZIZ I 7 /LK (BEvian K) %, 73K
FRBRL IR 2 2,

M7= GC-MS HIEZEE ORERkIE, Agilent #1:H
B ESYHTEE 7000D GC/TQ (2 7890B GC system, ™~
v R AR— 22 {E 7697A Headspace sampler, 7K3&
A E AIR-TECH NM plus /A& HE7- 6 D
Thotz, ~v FARX—RZ GC-MS &KffFx% 112
eI

GC-MS HIEIL, ik (BF0 46 FEREEITHR
%59 B A& 8) ITHEILL, 14-U A4 XY ds &
WIEYE L T MR ERIE CER Lz, B, B
KD 1,4-2 7 % 2 BE AN K & f i D (0~ 0.1
mg/LADOGEIZIE, AR L CTER LR, ek, A
BEOWIEIL n=2 TiTo7=,

~y RAAN—2R GC-MS HIEEHD/SA 7 /ViLLh
TOEBYER LT, BIKIZOWTIE, 3g Dk
F R U T AEANT A T T, 10 mL OFEHE
WEED, 20 uL O 1,4-VAFH 2 dgs AX ) —
JVRIR(10 pg/mL)B LA ¥/ —/L 10 uL Z N &,
HELTEES L, HIET Y U LAEEMR LT,

BRAEVERT 5720, ERt L FEOEL) b
Uo7 b AN, T, 27K 10mL &
B, 20 uL O 1,4-UAFHadg s AKX ) — A
(10 ug/mL)} KOV A TILNTOIRE ERR2S 0.1
mg/L ([Z72 5 %A T 1,4-U4 X« A X ) —LD
PEWERR 10 uL 22 C, &2 LTIEE S L, #Hik
T U T LAERE L,

3.2 NEERICAVEER. TOFRMES LV
GC-NMS [Z &k B ERMD -6 D K= 1k
(1) ZEHIFRH

AK100mLIZ~VAF Y “Hifg T Y U A Sg®
Mz, KE{LT V7 LD WNT 25 %KER{LT
MU T AR AE N CTHA 2T L7, Kb
kU D DR O TR DWW TIL, RIEE Tl 5,
B O/ EFR 2 1T T,

IKERAE L3 7 BRI, 0.1 %ASEaFniE B (R
fiEFE 0.17 g/100 mL Y E R UHTTH Y . 5 %Nz 7z
HOITIRERRE L 22572, 2TV 5 A KL
Thb,

(2) FEFIAME & VL RISZELE

Hkpff& =47 7 A 32K 100 mL 2 HY |
ATEOIEA 10mL 20, HHEE L, FERENO=E
I CHE L7, 3EAUSINER, 2 Hi:, 5 HigB X
W7 HEIZ, 2077 ZAaNOEE»S 10mL %
BIL, S%TAHEET b U AR E TmL il
THAEHIE L, ~y RAR—2Z GC-MS HD A
T VIZEL AL, GC-MS HIE R F TN TRE
L7,

=1 1,4-CH%H 20 GC-NS DHFHE,
(1) GC-MS &

EFH A7 A Agilent #: Select Volatile CP7410
(25 mX0.2 mmgX 1.12 um fEE)
BHEhtH ~YU A 1 mL/min
EAE— R 27U F(1:20)
A by MR 180 C
B
FSL AT FTA 200 C
IRE
MS A A ALE— R EI(+)

<GC FR7m 77 h>
40 C (2min) — 10 C/min — 90 C
—20 C/min — 190 °C (12 min)

(2) MS SIM(Selected Ion Monitoring) £%%E
WE 4 HH) E e B
A Fr AF  FrREE
(m/z) (m/z) (min)

1,4-UA4%  1Z=p 88 58 6.6-7.3
WaVY
1,4-A4%  PHE 96 64 6.6-7.3
P -dg U

@) Ny FAR—ZEH

GC A 7 V] 18.5 min
F—T IR 60 C
N—TRE 80 C

NFUAT 7 T4 IRE 140 °C
AL IRE 5 min

AT RITRE 0.1 min

AR 0.5 min
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&2 ERIBROFR,
FAI NaxS:05(g) Ca(OH)z, 25 % aq. NaOH

w/v% added
A 0 0 0
B 5 5% 0
C 5 0.1 % 0
D 5 0 6.9 mL (pH 12)
E 5 0 8.5 mL (pH 13)
F 5 0 27 mL (pH 14)

4. RIEHRO pHAED =D KEEIEF L) DL
BAMES L URIGEIEDEODFAHEF )
D LBRDFMEIZDONT
4.1 KERIEF B I LRMDIZE D pH FHZE
IRVEHR T OHNMESRM T O~V A ZhifEA
F AT K DBLIE TR, ~AF Y g A A
VIMEN 2YUBOKEAN AV EEZD Y,
ZDZENG, KRR E GBI & #& T IR
F CHEEMICRERT 2720010, VLA Y hiEg

AT U WDETDIKEA T DR & RTINS,

FOGSFHRDOERE pH ZPET 2K T MY 7 A%
REZFHEHE Lz, 28, ZOKE pH X, ~LAF
Y THRERA A DEBNELS THE S H
LD pH THY |, FKAFMER)NSZDOREIHE
EFTOpHIE. ZOREMEL Y bEWIET TH 5.

AN pH % 12, 13, 14 T 572Nz 5
25 %KEE kT MY U AR E A, DUT ORI IE
HrEm TR O,

5 gDV AFY ThElET B U v A3 0.021 mol
ThV . BLRIS CHERET 2 KHFEA 403 0.042
mol & 725,

100 mL ®O/KIZ x mL @ 25 wiv% KEgibF RV
U Lm MR SE, KL ) U Lo E &I
x/160mol & 72 %, Lo T, FEAIFOKEREMA A
VIREEIE,

X
——= mol — 0.042 mol
[OH] = 160
(100 + x) mL x 0.001 L/mL

LD,
KOA A% Ky =1 %107 *(mol/L)? &3
SR

K,
pH = _10810[H+] = _10310#

ZORIZEY | FEHIFORE pH ITXHET D 25
WiV KT N U U AR E A R D 7=, 31
DOFER. pH121Z1%, 6.9mL, pH13 % 8.5mL, pH
1413 27mL MM EEFE S, 2177280
ot

¥, AEO pH FHEIT, TUh USROG
BUSHTE 25D THY , FHEAHED pH %K
DO, A A FEOERIME A BET HLEN
DB,

4.2 BALREDEFEIEDF=-ODFABHEEFT oL
BRAME

QRO TR LIEF AWML A A2 $0:% DIEIT
SO OAEHERRAV IR T ENLIL, 4009 V TH Y 9,
(WX TN~V A F Y ZhifEA 4 v Ok
Bt ERLAGDED & Hallm Wb lEs s 5
252 ENL, QHAD LB | ALFERMICSS
T 5 LW EnD,

S406* +2¢” — 25,0:* E*=0.09V (20)
28,05% + 205> — S406> +2S04* 1)

ZIZT, 1 MEBEOAULAEF Y A AU, 2
Y EOTAMRA A T 5,

PLEnG, KiBEITH D 4 YEOTF AHilET b
Vo L% HAWC BILSEEIETHZ &L,
I, AT T AaNOKGRERO 10mL (2
XL C, S%FAREET bV ¥ AFRIE A 1 mL 3N
THZ LIS TS,

5. #E8

X 2(a) (AR T 1,4-30 F %W L PR FE D FRIFZE
k%, Kl A~F FTEHAWEERIOW T m
v b U7z, FE20b) (2%, £ DORED AR
E7ua sy b,

[ 2(b) IZHBWT, IED BRI T o v MEIE
FEFER ECHY . 202 &1, Z ORI
N—IRDOWETHDH 2 L amrme Lz,
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0.3

1,4-07F B (mg/L)
=) ¢
N

01 r

ERIFNEEH
() 1, 4-CF 4 ViRERMAMEZEEROTOY |,

0
ES é o AZFRMIE

g 1M, @ @ x BCalOH)25%

m o, | a,,..'.‘%ff":::.-,— ..... CCa(OH)20.1%

g i ............ R®=0.9935 A DNaOHpH 12

- 2~ T L g I O ENaOH pH 13

e [ P PR gi=o.9'98'é

w4 e e ¢ FNaOHpH14

8 S PR 4T (B Ca(OH)2 5%
<

N 5 b .

t DRSS, Wl ##HZ (D NaOH pH 12)
*1‘; e | #57F (E NaOH pH 13)
N ] [eesees ##HZ (F NaOH pH 14)
<'; -7 T T T T T

- 0 1 2 3 4 6 7

EERITNEBH

b) (@) oFEHTOY b,
2 BIERIGIZE B 1, 4-OF 7Y D OREBREDRERR.

6. B
~ULFX Y TR A Ak B 14V F XY
DRI KD OHEERTEIND EEZ
SRR

d[diox]

e k[diox]™[ox]"

Z 2T, [diox] 1F1,4-CA X EBEE . [ox] 1%
RALAIE L COAIVA X Y i A A U IRE Z R
L. m, L IZIGEORETH 5,

AR L7z & 212, BEEUG ORI TEME & B 2
BB, 2 TIHISEEN [diox] (ZHpld
5, Thbb m=1 TRENDH LT D,

Fo LAV A X OYEIRE K 0.4 mg/L T
H Y. [diox]y = 4.5 umol/L (ZFHEJ 5 43, FHlH
DAYV THREEA A OPIIRE L, EKEIR
RIS T2 KER (LT R U o AR R B %<

RN R DA~V A XY TREEEA A RSSO
KHEWEASTH 016 mol/L THY, Zhz 1%
DR TN Z T2 BGR TR E [ox]y = 16
mmol/L TH b, ZNHDIZ b, BRLKGH B
[ox]/[diox] > 1 THHEEZHILD,

INHDOBLENG, SOSHERITIROE—IK K
i U gL T X 5 ),

d[diox]
dt

= k,[diox]

LA CREST 5 &
[diox] = [diox],exp(—k,t) (22)

ThO ., WAOREZEIRD & DO—RAQ23) %1%
50
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log, (1201 _ (23)
e \[diox],) ~

I TEBMERN /LN 200) DK
7u oy MBEBRMEEZ R Z LR, (22)(23) kAT
LTWBZ EaRT, ZOEBOEZIX, -k, &
75,

#3112, BEAUEH SRR N T, B2(0b) DR
R T\ b OEAROME DGR D I — R
HWEER ky, 2T, £ 20k b, kK
THEH ¢, ZROT, KIWEHRL L

RIA&-OA XY VREOERELEN SRO-H
—RRIGEEFRE S VB,

RO FA ki(day')  ty/,(day)
A L 0.01 >7
B 5% Ca(OH), 0.70 0.99
C  01%CaOH), <001 >7
D NaOH pH 12 0.33 2.1
E NaOH pH 13 0.38 1.8
F NaOH pH 14 0.48 1.4

X2 25, 14-UAF U REX, 34 B, D,
E. FAHLZSGA, BB THEL, £/, £3
Mo, FOXEMIT 1~2 ATHDZ LN
7

WL LCKBILT MY o A& v 3A D,
E. F DK O5E . KERL N0 K& Tz
HHI B ORI AT, ORI TS0/ S
S, L, [SHoOmEBERLEZK 3 D LB
0. BT 3 FIIRUSRICAE U B E 3 e 1t
RChIphotz, ZOZENS, KLY D
LE AN DHIETIE, BB OREP SN &
DHIFEE T, Z O, KEBET b U o AERN
TARTFANCHEF R BH TH D,

KEEIET R U o D&M U254 ZE5 O pH 23
BUVMEE, KSHENRKEL otz T,
Furman et al. 'V 237/~ L7- R R OMHERP & —Z L
TBO, £/, 7B IVHESEMATe Rardo LT
AR A F I BET D E VD R E
XFTOMRTHo T,

B, KBTI ADK 100 mL 12k 5

WRAEEIL 25 CT0.17 g TH Y D, FKERLH
T MFZEEH O TR bR S A W L TKICAR
WRIRIREE I V> 7 B BT %, 3AI C R oKEE
{bA v NREEE, BIFNIRFE DK 60 % DIRE T
HY . 0014 mol/L THD, H42 TELELILLD
W2, R L2~ F Y WA A T DK
FeA A NTIAIF T 042 mol/L THDHZ &b,
ML U COKEBIE I LT A, RGBT
ZHINHOL LIZAREMERH B,

F7o. 5% TRIBINEE CAIKEL) OKER{L AL
T L& WG EIIE. KEBRIE A A4 h L
JRIBAIVA XY CHiRA A DS TR S
T AR B HITKEBE A A 2 D3RS S 4.
BSOS EREIC D7 N o 7o L HEE STz,

(a) &5, AL B, C

(b) EMi, D, E. F
3 RIGHIEA S 8 HEDRIGRDER,

=D
7 . ":I%I:EHH

B - m PRERNERFESG O T KT O 1,4-
VAo b A BRELE LT, HEMSLETTO
AU X Y TRREREIC K B RS DR AT o
77
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ORISR ZRET A0, MR LU
Fe ki oo s DAL 5im & ifam L C L SOt R pH %
ER LN GC-MS HIE D 7= DAL 1R D T
BaERITL,

FORER, WEL LU TKELT N A H 50

I A TRIARBED KB I LS 7 A T35,

1L4-UA XY 03 1~2 B CIREE (L L=,
FEIFBNOT NI VERFRVIE E . ROSEE2K
< RN E o T, F2, KEB(ET R D
LR LTS E. RICROBRED RV, &
ARLFCHF E B 2 v,

ST oT-BNRBRICE Y . ~L A F Y HilR
LKL N Y U 2 E AT E b ER, Bk
WHI THLENTH D alRetEr R S,

X @
1) BA =86, fth: B P LSRR 28 5 .
5, H, 1998.
2) BREEA WEICBET DA EE 1 4-U4 XY
v

3
i

https://www.env.go.jp/chemi/report/h15-
01/pdf/chap01/02-2/09.pdfx

Q021412 H 28 HT 7 & R)

3) Hhk A FRENEREFET — A7
https://www.pref.aomori.lg.jp/soshiki/kankyo/hozen/
kenkyo-archive-toppage.html

(202112 H27 B 7 7 & R)

4) AFF HE, M AEEEMIC LD - HUTROK
G DAL, 4T %, 43, 12-19, 2004

5) Felix-Navarro, R. M. et al.: Kinetics of the

Degradation of 1,4-Dioxane Using Persulfate. Journal

of Mexican Chemical Society, 51, 67-71, 2007.

6) £ 8 1 [RUFUIRIEIE 6 SR frhadk 2

https://www.pref.iwate.jp/_res/projects/

default project/ page /001/032/632/202012191.pdf
(2021 12 H 27 HT 7 £ A)

7) Cotton, F. A. et al.: Advanced Inorganic Chemistry.

5th ed., John Wiley & Sons, New York, USA, 1988.

8) Lee, C. et al.: Chemistry of persulfate for the

oxidation of organic contaminants in water. Membrane

and Water Treatment, 9, 405-419, 2018.

9) Furman, O. S. et al.: Mechanism of Base Activation

of Persulfate. Environmental Science and Technology,

44, 6423-6428, 2010.

10) Singh, U. C. et al:. Decomposition of

peroxodisulphate in aqueous alkaline solution. Journal

of Inorganic and Nuclear Chemistry, 38, 541-543, 1976.

11) Furman, O. S. et al.: Effect of Basicity on Persulfate

Reactivity. Journal of Environmental Engineering, 137,

241-247,2011.

12) Liang, C. et al.: Identification of Sulfate and

Hydroxyl Radicals in Thermally Activated Persulfate.

Industrial & Engineering Chemistry Research, 48,

5558-5562, 2009.

13) Freiser, H. etal. Bk K —RB, AR A 7 -,

LA, 5, 1967.

14) Weller, R. et al.: Inorganic Chemistry. 6th ed.,

Oxford University Press, Oxford, UK, 2014.
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HARRREREE 2 —HFl %325 (2021)

NA XRETFEZ AL OB RIS L SN FIRME (PMys) By DFEAETRERMT

AR

NS ZfRFFFEE AW CMB IEIC LY | BN ORNEHLE T & 2 GLRT N SO/ NP R T 24U E TITIL
£ L7 PMos IROTIERE R ZMNT L, FERRAEREFE2HE LIER, FE5ERRED -0 THEEED
BE |, THLBRA AR, T Thotz, I, BoNRERGTENOHEEREZE L L, £BAEFORE
A AREELT- & 2 A, DEKRKEE ] 1ZEM AW U T, TERIEARM | 13KE~LTRIIT T, T80 1X
BEIZBRENSWEAA RSN, £/, BEEE - OMBEEZ AR5 & DEKKBE] 134Fcdbwo., (i
BRIFAM ) 13EF~KFITER Y . AFZALFD | THEW) 1M 28 Ui~/ % Y OREHE & Eo
BN E N T, FRE T, ZIRAEMKBLFOEBEZIET L7, A 3V O TH FRBRORGEE (T -
72& A, SO& . NH* [THEF~EFIT, NO* | CI [TAFICRENEVEIN A LN, F7=, NHs &
SO 1%, % i@ UJR\ msE k9 A A AL L T,

Key words : PM,.s, Component analysis,Chemical mass balance,Bayesian statistics, Wind rose

1. [FC&HIZ
PMyos 1&, RRHFITRET H/NIRRITDH B,

ETE RN RIEZFERN LI b DN ETH 7208,
AENTAEA DDMERL L7z CMB EFHR 21T 9 RKEHR

KEIN 2.5 um LT OIEF /NS 70kl - OFFRT
bHD, Tbix, KFOREIPEFITIS W (B
DEDKED 30 43D 1) T2, MORES ETA
0 RF < R RO ERESR R~ DB RS S
TW5, LD, BEE TIE PMys ITHR D BT
WETED, £ BIBERIZBWTCIE, 20D
AN TR Y ERSER LML, FET
DRER AR T H-OORELZED TV D, KR
TIX, LEEOEEHR DIV T, PMas B0 0BTk
REWREL TN D,

AW T DT BB, e S Y —E T
ARHY ., FOfFEE L TiE, Chemical mass
balance(CMB) 7% & Positive Matrix Factorization

(PMF) 1D 2 D328 BV D, Wi O R84 i 3
IZEET % &, CMB {EIL, BAEROE®R GEAIR
Ta Ty AN) NHIIX, DR T — 2 TRl
HIZRAERE G 2HEET 5 2 LS TE, PMF AT,
FEAEPUTAR D FRTE M A LB &3 B O BRE N
ET—Z ML LT RERT o 77 A VX
DHFH ZFKRFIZHEE TX b,

AElE, CMB iE%& AW CRARMNT 2175 2 &
L L7z,

Elo. INETO PMas [AFEITICHIT 5 CMB

V7 h=ruaZFA L, XA XHFHTFIEICLY
CMB fi#tr 217> 72,

IO BN HART G4 U IRED
24k & A & DFBBNZ DWW T b ENT L. J AN E S
NZOT, ZNHDOFRERIZONWTHET 5,

2. AEME
2.1 KEIZBIT2HAE
BRI, RRIGYEBL IR 22 2O HEIZH
DL REDIGY DRI O F R BT~ 5 FH D
SLBRFAETS KON PMos DR 53T A K7 A4 v T
HSE | RNIZEBIT 5 PMys OF B Rk oy Lk
DEIG  FEEEE L HET 57O E L FEhE L T
W5,

2.2 MELETIHAEMAL L VRHELHM

PMys B HIE TR 1. 2014 4EEEDD 2016 4R
IR E ik, BRI E 5 I\ F N O —f%ER
BERAE R THM L, N\ Aok T (2017
F1H) o207 EENLIX, BEEERIIALE
% BLETT N SR/ INFAE O B B s gk o7 A8 E /) (LA
T ISCRUNERR ) & ,) ICEM A A ZE T L
TW5,
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AEL ZO2HIED DB A% S YTV T
fe L CRAE &2 ka7 2 A Th 5 SURV/NEI R T
BoNT-T —Z IOV TIRAERIEN 21T - 7=,

L IZHREH R Th 2 U NFRF ONLE % &
L IZERAEIM 27,

\ s,
" 7
R
[ TTUN
Esrs
ek s
’ S 2

1 SAEMR

&1 AEHE CCRINERD)

2017 & 2018 £
#% S5A10B~5A2H 5H9H~5HA2H
% 7H20B~8A 2R 7H20H~8HA2H
#ZF 10A19A~I1IA 1B 10A19A~11A1H
£% 1H18B~ 1A318

2019 &

% 5A8HB~5A2H8
g% 7HA17B~8A 1R
MZE 10R17A~10A30R
%% 1RA15B~1A28H
X4 BLEDERE G >TWVDHERICIE. BFETRE
IC&BHUT)UvIRBBREFATEY. YTV
Jig£T 1214 BEEE,

2020 FEE
5SAH13H~ 5H26H
7H21EB~ 8K 4 H
1008218~118 3 B

2.3 BHHHEERAE

AUBHRIUL, &7 Mg —EA#ERHBA Y »
Foxy h=7 % 7F (MCAS-SJ-A1) ZfEH L,
30 L/min “C 24 B (0 BF~24 FE) £EELL 7=,

WS 1 BTN L7 2 RN - T
O A F RSy E K ORI R IE A Seiie =~ «
4 (PALL ! 2500QAT-UP ¢ 47 mm) & RT3
%3 E F PTFE 7 4 L 4 (PALL#! Teflo ¢ 47 mm)
ARy b L, RIFRCERBZIT - 72,

BREDO 7 4 V21X VT ITNTHRE 6 HRER
BLIZZREI L, 90T £ CHEmRaT L,

2.4 SWAEE
MWEERE
PTFE 7 4 V& & W CTERERIEIEIC L 0 E R

18188~ 1A30H *

1A218~2A5H8 %

ARl (BFEE2R), 7402 OBEIZITY
NETI 7R (A NT—- b R ER) B XP2U)
EEMA LT, 728, 2017 FEEFIZOWTIE, 7«
L2 OFFESAE (R 21.5+11.5°C, FRHERE 35+
5%, 24 W[EILL Lo T v a =) DR
S22 END, FRICEEE L T\ BENHIERE R
WA Ly 7 (BR) % SHARP monitor 5030) DA%
=,
Q)1 A VR

A A pk4y 8 THE (Cly NOy', SO4%, Na*, NH4',
K*. Mg*, Ca*) (X, AdEflifE~ « L2 D 12 Zi
MiZK 20mL T 20 pfEEEEME L, A A7 r~
22 7 (Thermo Scientific DIONEX #! ICS-1600)
THIE L.
Q)BTRS

R T Ry 29 THEH (Na, Al K. Ca, Sc. Ti,
V. Cr. Mn., Fe. Co., Ni, Cu. Zn. As. Se. Rb,
Mo. Sb. Cs. Ba. La. Ce. Sm. Hf. W. Ta, Th,
Pb) 1. PTFE 74 VW EZ Z~ A7 av=—T7I2L 5D
INENCEE R (R SmL, 5o b/KFEEE 2mL, i#
Be{b/k3% 1mL) L. ICP-MS (Agilent f 7890C) T
HIE L,
4) RFB|RS

IRERSY 2 T E (AR 3 (0C) ik R 3 (EC))
OHEF, V=~V FTT 4 IV TLITH LA
EIZED, AMTEFETITo 72,

3. RERBEMHT
3.1 ffAE

FENTIZIZ, CMB LD 9 b, A XfiEHFikE L~
Jb o 7T T B L (MCMO) ik 2 & ot
TR G DOBER Y (2006) DT T Y X W% fEH
DEEFH R BB AN TR L RitH Y
o~ ruarfFERLE,

ZOHIET ERETFAZEAL TS0, W
PR fR IR N 25 5y 7 B e (RGPH [0, 1]) D F AR PR A
H5E25z2%,

3.2 MONCEZmiEtE &%

Alal, fEATIZE T 2 FHRESEIL. burn—in %%
9,800 [A], HL—EHEEHEA 10,000 [A], £ EHiEEH
R A 10| & LT,

3.3 RERIOIF7AILT—4

CMB % W Clk, BREEY A Ry —4 &
AR T a7 7y ANT—H GEERNGHEH SIS
B OLFARRL) BUREE 725,
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FRAT T, BREEE OB L OB GER OO AL
RERAERTa 77 A NVT—X2 L THERALE,

(F&2)

BAEBROLII RER T 0 7 7 A VT —FICE
SN boEFEHTH L ELE,

SEFERTAIEHEY 7 b~ v TiL, K 15
i E COREPIHE AT CELZ &b A H
ST H B SCR/NERR R Y B B E R T A JE R T
HHZEbEE L, DERKKE), [HEHEER, [#
AXY&TV—XWE], 17 —B/VERMHE B
F O PMs DT — Z fENTIZ B W TREMRIEE TH
% VW) 72 Ea & d 15 BEOFAR 7 v 7
7 AINVERE L,

3.4 PMysT—%

BREEY A RF— &1L, 2017 FEEN D 2019 4R £
TITBRBEA DR —L_— NiZB#HshTWn5b
PM, s i3 I ERE R DT — 4 % 2020 £ (2O T
M., YATCHIE LB £ 0T —F 2 LT,

RS IE R AT 1L, 2017 FEFEDN S 2019 AR LT DU
TiX, 24 t# (Na, Al, K, Ca, Sc, Ti. V. Cr,
Mn. Fe. Co. Ni, Cu. As. Se. Rb., Mo, Sb, Cs.
Ba, La, Ce. Sm. W) OF—X ZfHH L7,

IRBITICONWTIE, BUELTET—2D o6, 2
THH (OC. EC) OF—& ZfiH L1z

2020 FEIZOWTIE, EFEOHEE DS KM E 72
o7z Ca W2 TRy 25 HE DT — 4 %
CMB fi#fr T L7z,

A F RGN OW TR BT T B OFRMT Tldfl
A3, ZRAERRL 7T OREEE 2 D7Dl AT
HZEELINELLET—XD9H 4 HE (NHs
NO;. SO, CI) OF—Z & L7z,

PRE. RRATIREEIC OV TIE, B T BRAE AR O
EMEIL0 & LTHRW RBAEBIZOWTITER NS
B4 L7z,

4. PMys T—ARDF vy (RRHYO—P¥—F
TIIZEBFIvY)

VA7 0=y —FT VLRI E OB B
JE LoD FHRRSy & ORRE TR D L
% OWE CTHRDPAET — 2 MO EREREAHEE L,
WE LI ER&REDOZ LM Z2FMT 2 5k 1o
T REAVBEARICE L-ZETAVEEZREREL TS
8)

R I E R R 2 I K VR IR E O
MARITER R D550 H 503, B L EOHg R ED
FRAE N OB EE OB L CTHERIRFIETH D,

AR L7 E EREHEE XA LT IORT.
HEEE B = 1.375[S04>] + 1.29[NO5] + 2.5[Na']
+ 1.4[0C] + [EC] + 9.19[Al] + 1.40[Ca] + 1.38[Fe] +
1.67[Ti]

COFEC KV LR R E K 2 1R T,

_ 50 ~ 40
£ =1.2659% £ _
¥ . = = 1.0019x
5 40 y .
2 “ R=09786 ¢ § 0 Ri_goon ..*
i .
- ., ay 20 1
m 2° e T "
i 10 giéf i 10 ,"
ul 0 v
g 0 & o
0 20 40 0 20 40
@) grmmEEee 0 0 geESREQe)
— 30 20
E y =0.9311x E y=0.8263x
¥ R?=0.9736 E} R? =0.9708
= 20 2
i » il
2 ks £ 10
i & =k
& 10 it -
o i o
= i »
¥ 0 0
0 20 40 0 10 20
(€ geEsmEem) (@ EEERRE (/)

K2 <YRO9O—Sv—ETILIZK B8
(a:2017.b:2018. ¢:2019., d:2020 EEDIER)

2017 RS 2019 FEOHET —ZITONT
v A7 a0 =y —ET I VHEESNTZEE
RELHEEEREOMHBE LT ER EE 72
DT =R IR0 T,

2020 FEREICHOWTITZ, v A7 — Yy —FF )L
DOFENT AT 9 L CHEEREA & 78 % Ca sy ORIE
PDEEBIVEFETRAIE L2 2D KEFEB X
OAFEORHY AT B — % —ET VI K DR %
1To7=0, MEE DT —XdenroT-,

5. CMB fE#fifE R & BE
5.1 RERFSDIHETE
2017 AEFED B 2020 4FEE TOD CMB k% VT
HEE LT3R T 5 OfE R % 3% 3(a)-(d)ITrT,
FATIIRAERFT 5 OIED, “IRAERR 7O F 2%
EZDIZODA RSy DFE RN LR O %S
TUKJ., & L7 B EIRE, #EE L& 5 O
I Tuc) #&5HTn5,
B, ZOHE LIZFE O, S IE, (DN TE
BEINSD,
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-Lg1-

x2 BALLRERTOD 74 L T—42 (ZERETELO)
FLETR (ng/kg)
ALYV & I MAMEBRE To—tL To—HLE

b5 ERME BIEMT SREAT X AR BEEVRN BBEHR JL—FHE AARE  ERFEAM BEaNL Ta—EL e RIRFIE  EMERE B3
0C 69000 247000 79800 199000 358000 100000 178000 43400
EC 12800 0.028 5000 300000 50000 494000 153000 79400 189000 116000 104000 97100 3270
Na 12500 304000 13600 10000 120000 76. 4 9200 1220 10200 339 740 122 6550 7230
Al 61100 0.29 9990 2100 4200 1570 49000 6140 309 10000 268 63200 75300
K 12700 11000 13200 850 200000 197 8060 3320 71600 528 179 429 94.1 370 22100
Ca 55200 11700 45100 850 11000 1460 12000 79400 7590 607 11400 125 415 30400
Sc 13.3 0.0012 1.32 0.09 0.46 0.119 2.3 15.7
Ti 5050 0.029 1000 740 900 146 3000 4150
v 108 0.058 125 6380 27 7.25 110 3.75 24.5 83.9 88.6 1
Cr 279 0.0015 3160 210 850 11.6 340 122 75 86.8 44.6 10.9 522 97.5
Mn 1060 0.058 22000 120 330 19.3 1410 541 84.4 371 4.57 10 826
Fe 53100 0.29 157000 4600 6100 989 76600 3250 1160 314 2670 100 45100
Co 21.1 0.015 44 31 21 1.47 20 1010 1.16 0.63 8. 40 20.1
Ni 80.3 0.015 2900 3970 9.89 260 29.4 37.1 54.9
Cu 268 0.017 3700 1 3600 113 8700 106 4.86 113
As 11.3 0.029 103.6 23 150 3.69 100 24,1 22.4
Se 1.43 0.12 51.1 48 1.67 20 0.197 3.15
Rb 55.6 3.5 76.8 2 260 0.49 34 128 112
Mo 8.55 5.91 512 11.9
Sh 13 0.014 90 6.9 952 19.6 4200 14.8
Cs 3.59 0.029 3 0.1 12 0.0745 3.7 10.5
Ba 499 0.86 500 1000 390 98.9 18800 93.8 2.2 609
La 31.3 0.009 9.75 40 1.1 0. 341 1.5 0.106 62.1
Ce 59.9 0.012 68.7 70 170 1.08 24 0.247 108
Sm 5.93 0. 001 0.212 1.6 0.46 0.0304 0.43 8.05
W 11.6 0.003 47.4 20 100 0. 686 9.6 137 3.38




% 3(a)

CMB & f##fTIC & 2 RARF SHERR 2017)

2A4V& REMWEE MHHBRE T —tHL ToA—HLE HERE
ERHE RN SEATX AL BREVRS  BDEES JL—FHE HRAEE  ERIFAHM vani  Fa—EL L RINHIE MMM B NH4+ N03- S042- Cl- UK (ug/m) uc
2017/5/10 0. 0357 0. 0000 0. 0065 0. 0000 0.0017 0. 0000 0.0048 0. 0000 0.0155 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0701 0.0698 0. 0930 0.1105 0. 0203 0.5720 17.2 8.9E-03
2017/5/11 0.0128 0. 0000 0. 0000 0. 0254 0. 0064 0. 0000 0.0120 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1141 0.0733 0.0244 0.1867 0. 0000 0. 5448 4.5  5.5E-03
2017/5/12 0.0070 0. 0000 0. 0066 0. 0000 0.0010 0. 0000 0.0077 0. 0000 0. 0000 0. 0000 0. 0000 0. 0320 0.0743 0. 0807 0.1392 0.1032 0. 0266 0. 2660 0. 0056 0. 2501 9.4  6.5E-02
2017/5/13 0.0142 0. 0000 0. 0056 0. 0000 0.0121 0. 0000 0. 0059 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0895 0.1075 0. 0237 0.3226 0. 0017 0.4172 9.3 9.9E-03
2017/5/14 0.0072 0. 0000 0. 0000 0. 0099 0.0024 0. 0000 0.0010 0. 0000 0. 0000 0. 0361 0. 0000 0. 0000 0. 0000 0. 0000 0.0324 0.0714 0.0103 0. 2000 0.0074 0. 6217 3.5  2.0E-02
2017/5/15 0. 0037 0. 0000 0.0011 0.0163 0. 0000 0. 0000 0.0016 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1169 0. 0896 0.0271 0.2292 0. 0081 0. 5065 4.8  4.1E-03
2017/5/16 0. 0000 0. 0000 0. 0000 0. 0355 0. 0239 0. 0000 0. 0009 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1190 0.1020 0.0010 0. 3061 0. 0033 0. 4083 4.9 1.2E-16
2017/5/117 0. 0563 0. 0000 0.0028 0.0138 0.0231 0. 0000 0. 0064 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0349 0.1018 0. 0250 0.2679 0. 0039 0. 4641 5.6  1.7E-02
2017/5/18 0.1093 0. 0000 0. 0000 0. 0000 0.0120 0. 0000 0. 0046 0. 0000 0. 0000 0. 0000 0. 0000 0. 0200 0. 0301 0. 0409 0.0334 0. 0886 0.0159 0.2386 0.0018 0. 4047 8.8  4.4E-02
2017/5/19 0. 1161 0. 0000 0. 0020 0. 0000 0. 0000 0. 0000 0.0070 0. 0000 0. 0000 0. 0000 0. 0000 0.0160 0.0570 0. 0220 0.0786 0. 0563 0.0033 0.1494 0.0015 0. 4907 8.7  5.5E-02
2017/5/20 0.0827 0. 0000 0.0102 0. 0000 0. 0000 0. 0000 0. 0047 0. 0001 0.0075 0. 0000 0. 0000 0. 0000 0. 0450 0. 0550 0.1128 0.0829 0.0181 0.2124 0. 0022 0. 3663 19.3  5.7E-02
2017/5/21 0. 0262 0. 0000 0.0144 0. 0069 0. 0061 0. 0000 0. 0044 0. 0000 0. 0000 0. 0000 0. 0000 0. 0030 0. 0693 0. 0267 0.0678 0.1023 0.0110 0.2803 0.0012 0. 3805 26.4  5.8E-02
2017/5/22 0. 0525 0.0000 0.0074 0. 0000 0. 0000 0. 0000 0.0034 0. 0000 0. 0000 0. 0000 0. 0000 0.0410 0.0157 0.0333 0. 0452 0.1179 0.0217 0.3270 0.0015 0.3334 26.3  4.3E-02
2017/5/23 0.0510 0. 0000 0. 0065 0. 0000 0. 0000 0. 0000 0. 0029 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0246 0. 1309 0.0095 0. 4000 0. 0008 0.3738 21.5  1.4E-13
2017/1/20 0. 0000 0. 0000 0. 0056 0. 0000 0. 0220 0. 0000 0.0017 0. 0000 0.0124 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0347 0. 0669 0. 0000 0.1862 0. 0000 0.6705 14.5  2.9E-17
2017/7/21 0. 0087 0. 0000 0. 0083 0. 0000 0. 0039 0. 0000 0. 0086 0. 0000 0. 0352 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0626 0. 0854 0. 0000 0. 2500 0. 0000 0.5373 16.4  9.5E-03
2017/1/22 0. 0000 0.0021 0. 0084 0.0322 0.0574 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0986 0. 0000 0.2958 0. 0000 0. 5054 7.1 1. 7E-03
2017/1/23 0. 0000 0. 0000 0. 0000 0.0716 0.0076 0. 0087 0.0028 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1179 0. 0000 0.3286 0. 0000 0. 4629 2.8  6.7E-03
2017/1/24 0. 0000 0. 0000 0. 0044 0. 0649 0.0325 0. 0000 0. 0001 0. 0029 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0887 0. 0000 0.2419 0. 0000 0. 5646 6.2 5 0E-17
2017/1/25 0. 0000 0. 0000 0. 0059 0. 0458 0.0332 0. 0000 0. 0006 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0540 0. 0000 0. 1460 0. 0000 0.7145 5.0 7.7E-06
2017/7/26 0.0211 0. 0000 0. 0056 0. 0081 0. 0248 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0170 0.0393 0. 0000 0.0836 0. 0000 0. 8005 6.1 7. 9E-03
2017/1/21 0.0417 0. 0025 0.0035 0.0253 0.0191 0. 0000 0. 0004 0. 0000 0.0219 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0612 0. 0000 0.1638 0. 0000 0. 6606 11.6  4.6E-03
2017/1/28 0. 0023 0. 0000 0.0028 0.0122 0. 0066 0. 0000 0. 0043 0. 0000 0.0343 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0072 0.1039 0. 0000 0.2662 0. 0000 0. 5601 15.4  1.9E-03
2017/7/29 0. 0000 0.0070 0. 0023 0.0151 0.0210 0. 0000 0. 0003 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1071 0. 0000 0.2768 0. 0000 0.5704 11.2  7.8E-08
2017/7/30 0. 0000 0.0011 0. 0020 0. 0256 0.0278 0. 0000 0. 0007 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0851 0. 0000 0.2340 0. 0000 0. 6237 9.4  8.9E-04
2017/1/31 0. 0000 0. 0000 0.0028 0.0308 0.0303 0. 0000 0.0136 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0810 0. 0000 0.2381 0. 0000 0. 6034 4.2  2.5E-04
2017/8/1 0. 0000 0.0013 0. 0049 0.0463 0.0277 0. 0000 0. 0002 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1091 0. 0000 0.3333 0. 0000 0.47M1 3.3 1.1E-03
2017/8/2 0. 0000 0. 0000 0.0075 0.0328 0.0311 0. 0000 0.0125 0. 0000 0. 0000 0. 0001 0.0170 0.0670 0. 0000 0.0120 0. 0040 0.1373 0. 0000 0.3731 0. 0000 0. 3055 6.7  5.5E-02
2017/10/19 0. 0260 0. 0000 0.0016 0.0028 0. 0000 0. 0000 0. 0047 0. 0000 0. 0620 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0065 0. 0358 0.0272 0. 0861 0. 0040 0. 7432 15.1  5.1E-03
2017/10/20 0.0142 0. 0000 0. 0001 0.0063 0.0072 0. 0000 0. 0031 0. 0000 0. 0833 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0524 0. 0000 0. 1463 0. 0000 0. 6869 8.2 4.1E-03
2017/10/21 0. 0000 0. 0000 0. 0052 0.0104 0.0283 0. 0000 0.0107 0. 0000 0.0212 0. 0000 0. 0000 0. 0001 0. 0000 0. 0000 0. 0000 0.0417 0. 0500 0. 1000 0. 0000 0.7324 3.6 5.5E-03
2017/10/22 0.0013 0. 0000 0.0013 0.0145 0. 0201 0. 0252 0. 0003 0. 0000 0. 0086 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0978 0. 0000 0.2391 0. 0000 0.5917 4.6 1.4E-02
2017/10/23 0. 0000 0.0037 0.0034 0.0143 0.0171 0. 0000 0. 0004 0. 0000 0. 0321 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0730 0. 0000 0.2243 0.0122 0.6196 3.7  1.7E-02
2017/10/24 0.0016 0. 0000 0.0011 0. 0001 0. 0025 0. 0000 0.0013 0. 0000 0. 0554 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0102 0. 0497 0.0133 0.1326 0. 0000 0.7322 18.1 1. 5E-03
2017/10/25 0. 0021 0. 0000 0.0017 0. 0001 0.0038 0. 0000 0. 0035 0. 0000 0.0379 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0125 0. 0508 0.0151 0.1297 0. 0000 0.7428 18.5  2.0E-03
2017/10/26 0. 0000 0. 0000 0. 0000 0. 0002 0.0103 0. 0000 0. 0050 0. 0000 0.0184 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0316 0.0396 0. 0250 0.0976 0. 0038 0. 7685 16.4  7.3E-03
2017/10/21 0.0079 0. 0000 0.0038 0. 0003 0.0110 0. 0000 0. 0041 0. 0000 0. 0256 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0111 0.0346 0.0390 0.0732 0. 0020 0.7874 20.5  3.7E-03
2017/10/28 0. 0000 0. 0000 0.0033 0. 0025 0.0088 0. 0000 0. 0058 0. 0000 0. 0493 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0388 0. 0362 0. 0269 0.0923 0. 0000 0. 7360 13.0  5.0E-05
2017/10/29 0. 0006 0. 0000 0.0013 0. 0008 0.0084 0. 0000 0. 0038 0. 0000 0.0271 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0625 0.0759 0.1071 0.0103 0.7022 22.4  3.1E-04
2017/10/30 0. 0039 0. 0000 0.0015 0.0010 0. 0054 0. 0000 0. 0000 0. 0000 0.1895 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0327 0. 0000 0. 1404 0.0163 0. 6093 5.2 1.1E-03
2017/10/31 0. 0059 0. 0000 0.0017 0. 0000 0.0003 0. 0000 0. 0029 0. 0000 0. 0860 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0257 0.0364 0.0348 0. 0856 0. 0040 0.7169 18.7  4.2E-03
2017/11/1 0. 0000 0. 0000 0. 0000 0.0098 0.0268 0. 0000 0. 0032 0. 0000 0. 1641 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0662 0. 0432 0.1892 0. 0084 0. 4891 1.4 1.3E-04
2018/1/18 0.0211 0. 0000 0. 0047 0. 0000 0.0094 0. 0000 0. 0054 0. 0000 0. 0422 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0255 0.1364 0.1288 0.2652 0.0144 0. 3470 13.2  9.4E-03
2018/1/19 0.0319 0. 0000 0. 0042 0. 0025 0.0018 0. 0000 0. 0034 0. 0007 0. 1890 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0310 0.1111 0.0384 0.2929 0.0101 0. 2831 9.9  1.2E-02
2018/1/20 0. 0000 0. 0000 0. 0000 0. 0025 0. 0407 0. 0000 0. 0086 0. 0004 0.0516 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0972 0.0694 0.2222 0. 0264 0.4810 7.2 9.0E-03
2018/1/21 0.0214 0. 0059 0.0074 0. 0021 0.0083 0. 0000 0. 0039 0. 0007 0.1328 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0456 0. 1111 0.1222 0.2111 0. 0244 0. 3030 9.0 1.8E-02
2018/1/22 0. 0457 0.0013 0. 0042 0.0027 0. 0000 0. 0000 0. 0064 0. 0006 0. 1665 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0383 0. 0942 0.0760 0.1923 0. 0260 0. 3458 10.4  1.7E-02
2018/1/23 0. 0000 0. 0000 0. 0000 0. 0005 0. 0301 0. 0000 0. 0030 0.0117 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1126 0. 0583 0.2708 0. 0521 0. 4609 4.8  4.3E-04
2018/1/24 0. 0000 0. 0000 0. 0096 0. 0054 0.0226 0. 0000 0. 0001 0.0015 0.1012 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0938 0.0344 0. 2656 0. 0531 0.4127 6.4  9.3E-05
2018/1/25 0. 0000 0. 0051 0. 0049 0. 0037 0.0196 0. 0000 0. 0000 0. 0000 0.1163 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1118 0.0314 0.2941 0. 0353 0.3778 5.1  4.0E-03
2018/1/26 0. 0023 0. 0000 0. 0043 0. 0039 0.0171 0. 0000 0. 0000 0. 0000 0.1023 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1250 0.0216 0. 3409 0.0116 0.3710 4.4  9.0E-03
2018/1/27 0. 0000 0.0140 0.0043 0. 0042 0.0134 0. 0000 0. 0000 0. 0000 0. 0832 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1314 0. 0294 0.3529 0.0151 0. 3521 5.1 1. 3E-02
2018/1/28 0. 0000 0. 0000 0.0034 0.0075 0.0185 0. 0000 0. 0000 0. 0000 0.1010 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1058 0. 0500 0.2885 0.0308 0. 3945 5.2 8.4E-05
2018/1/29 0. 0000 0. 0000 0. 0002 0.0033 0.0217 0. 0000 0. 0001 0. 0000 0. 0983 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1196 0.0429 0. 3036 0.0143 0. 3960 5.6  1.3E-02
2018/1/30 0. 0052 0. 0000 0. 0025 0. 0020 0.0163 0. 0000 0. 0001 0. 0000 0.0928 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1231 0. 0442 0.2885 0. 0365 0. 3887 5.2 2.0E-03
2018/1/31 0. 0042 0. 0000 0.0036 0.0033 0.0110 0. 0000 0. 0008 0. 0000 0.0919 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1134 0.0716 0.2537 0.0194 0.4270 6.7  2.4E-03
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% 3(b)

CMB & f##TIC & 2 RARF SHERR (2018)

2A4V& BERBEHE MHMEBRE T—tHL To—ELE HERE
HERYHE HEHT BT A REVERN  ADEHES JL—FHE HREE  HREAM vasi  Fa—EL e RIRHIE MBS B NH4+ NO3- S042- Cl- UK (pg/m) uc
2018/5/9 0. 0437 0. 0000 0. 0037 0.0106 0.0077 0. 0000 0. 0069 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0382 0. 1005 0.0333 0. 2550 0.0100 0. 4904 6.0 1.6E-02
2018/5/10 0. 0000 0. 0000 0. 0022 0.0134 0. 0048 0. 0000 0. 0002 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0071 0. 1262 0.0136 0. 3485 0. 0021 0.4819 6.6 1.2E-03
2018/5/11 0. 0000 0. 0000 0. 0061 0. 0000 0.0135 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0488 0.0743 0. 0230 0.2426 0. 0045 0.5873 14.8  1.2E-04
2018/5/12 0. 0000 0. 0000 0. 0000 0.0223 0. 0287 0. 0000 0. 0007 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0808 0.1070 0.0116 0.3342 0.0013 0.4134 19.9  1.6E-04
2018/5/13 0. 0000 0. 0000 0. 0000 0.0142 0. 0243 0. 0000 0. 0056 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0390 0.1024 0. 0233 0.2871 0. 0020 0. 5021 21,0  2.9e-17
2018/5/14 0. 0000 0. 0000 0. 0059 0. 0391 0.0190 0. 0000 0. 0032 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0089 0.1336 0. 0427 0. 3355 0. 0022 0. 4100 11.0  1.5E-07
2018/5/15 0. 0000 0. 0000 0. 0049 0. 0000 0. 0280 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1406 0.0747 0. 0090 0.2163 0.0010 0. 5254 16.6  1.3E-16
2018/5/16 0. 0000 0. 0000 0. 0032 0.0128 0. 0262 0. 0000 0.0015 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1277 0.1133 0. 0041 0. 3403 0. 0008 0. 3702 29.3  1.6E-16
2018/5/17 0. 0000 0. 0000 0.0100 0.0614 0.0235 0. 0000 0.0018 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1656 0.0125 0. 4938 0.0010 0.2304 9.6  7.9E-06
2018/5/18 0. 0000 0. 0000 0. 0000 0.0331 0.0107 0.0363 0. 0089 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0186 0. 0000 0. 0024 0. 0258 0. 0000 0. 1254 0. 0000 0. 7390 1.3 2.9E-02
2018/5/19 0. 0000 0. 0000 0. 0000 0.0138 0.0213 0.2475 0.0183 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0657 0. 0000 0.1944 0. 0000 0. 4390 0.9  5.2E-02
2018/5/20 0. 0368 0. 0000 0.0142 0.0015 0.0014 0. 0000 0.0106 0. 0000 0.0140 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0336 0.0579 0.0115 0.1575 0.0034 0.6576 6.1 1. 3E-02
2018/5/21 0. 0000 0. 0000 0. 0252 0. 0054 0. 0000 0. 0054 0. 0032 0. 0000 0. 0042 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0600 0. 0548 0.0146 0. 1461 0.0019 0. 6792 8.9 5 4E-03
2018/5/22 0. 0262 0. 0000 0.0119 0. 0002 0.0180 0. 0000 0. 0051 0. 0000 0. 0033 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0376 0. 0543 0.0126 0.1225 0. 0069 0.7012 1.1 9.4E-03
2018/1/20 0. 0000 0. 0000 0. 0036 0. 0000 0.0143 0. 0000 0. 0049 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1786 0. 0064 0. 5350 0. 0000 0.2572 24.3  1.8E-17
2018/17/21 0.0199 0. 0000 0. 0035 0. 0000 0. 0057 0. 0000 0. 0086 0. 0000 0.0074 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1713 0. 0006 0.5126 0. 0008 0.2697 27.9  6.6E-06
2018/1/22 0.0263 0. 0000 0. 0054 0. 0000 0.0073 0. 0000 0. 0053 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1415 0.0072 0. 4253 0. 0009 0. 3807 21.7  3.7E-06
2018/7/23 0. 0000 0. 0000 0. 0033 0. 0000 0. 0057 0. 0000 0. 0039 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0092 0. 1589 0. 0222 0.4322 0.0013 0.3633 9.0 1.2E-17
2018/7/24 0. 0030 0. 0000 0. 0024 0.0015 0. 0000 0. 0000 0.0070 0. 0000 0. 0042 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0233 0. 1205 0. 0030 0. 3489 0. 0000 0. 4863 8.8 4.7E-03
2018/1/25 0.0703 0. 0000 0. 0029 0. 0062 0. 0000 0. 0000 0. 0067 0. 0000 0.0273 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0899 0. 0059 0. 2500 0. 0000 0. 5409 13.8  6.1E-06
2018/1/26 0. 0351 0. 0000 0. 0022 0. 0000 0. 0035 0. 0000 0. 0045 0. 0000 0. 0382 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0901 0. 0043 0.2493 0. 0000 0.5728 15.2 4. 4E-17
2018/7/21 0.1015 0. 0000 0. 0030 0. 0000 0. 0000 0. 0000 0. 0039 0. 0000 0. 0438 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0886 0. 0060 0.2866 0. 0004 0. 4662 14.9  5.8E-17
2018/7/28 0. 0404 0. 0000 0.0016 0. 0000 0. 0000 0. 0000 0. 0059 0. 0000 0. 0443 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1073 0. 0031 0.3427 0. 0000 0. 4546 1.0 2.3E-17
2018/7/29 0. 0091 0. 0000 0. 0036 0. 0003 0. 0000 0. 0000 0.0154 0. 0000 0. 0048 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0452 0. 0526 0. 0061 0. 1930 0. 0000 0. 6699 5.7  8.9E-03
2018/7/30 0. 0024 0. 0000 0.0027 0.0000 0.0137 0. 0000 0.0032 0.0000 0.0000 0.0000 0. 0000 0.0000 0.0000 0.0000 0. 0004 0. 0267 0.0084 0.1004 0.0000 0. 8421 9.1 1.3E-03
2018/1/31 0.0774 0.0034 0.0014 0. 0000 0. 0000 0. 0000 0. 0045 0. 0000 0. 0359 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0623 0.0034 0.2192 0. 0000 0.5926 12.5  2.7E-03
2018/8/1 0.0504 0. 0000 0. 0038 0. 0000 0. 0000 0. 0000 0. 0048 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0179 0. 0825 0. 0024 0.2911 0. 0000 0.5470 7.9 1.2E-02
2018/8/2 0.0917 0. 0000 0. 0049 0. 0000 0. 0000 0. 0000 0.0017 0. 0004 0.0271 0. 0000 0. 0000 0. 0300 0.0670 0. 0000 0. 0030 0. 0282 0. 0020 0.0750 0. 0000 0. 6691 17.2  5.8E-02
2018/10/19 0. 0848 0. 0000 0. 0032 0. 0000 0. 0041 0. 0000 0.0074 0. 0000 0. 0493 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0571 0.0212 0.14711 0.0015 0. 6243 8.5 6.1E-08
2018/10/20 0.0464 0. 0000 0.0012 0. 0000 0. 0085 0. 0000 0. 0063 0. 0000 0. 0280 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0115 0. 0622 0.0181 0. 1506 0. 0000 0.6673 8.3  9.1E-03
2018/10/21 0.0971 0. 0000 0. 0007 0. 0000 0.0106 0. 0000 0. 0043 0. 0001 0.0298 0. 0000 0. 0000 0. 0000 0. 0463 0. 0457 0.0146 0. 0569 0.0193 0. 1482 0.0013 0. 5251 8.3  5.3E-02
2018/10/22 0. 0930 0. 0000 0. 0000 0. 0000 0. 0083 0. 0000 0. 0032 0. 0000 0.0163 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0416 0. 0232 0.1035 0. 0020 0. 7089 14.2  2.3E-17
2018/10/23 0.1488 0. 0000 0.0000 0. 0000 0. 0081 0. 0000 0. 0064 0. 0000 0.0197 0. 0000 0.0310 0. 0240 0.0280 0.0120 0.0071 0. 0454 0.0128 0.1256 0.0016 0.5294 12.5  4.1E-02
2018/10/24 0.0370 0. 0000 0. 0054 0. 0000 0. 0054 0. 0000 0. 0049 0.0010 0. 0606 0. 0000 0. 0000 0.0160 0. 0590 0.1810 0. 0839 0.0917 0.0185 0.2593 0. 0043 0.1720 8.1 8. 5E-02
2018/10/25 0.2752 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0039 0. 0000 0. 0528 0. 0000 0. 0000 0. 0000 0. 0020 0.1220 0.0713 0. 0587 0. 0305 0. 1800 0. 0030 0.2007 10.5  7.8E-02
2018/10/26 0. 0860 0. 0000 0. 0000 0. 0000 0.0077 0. 0000 0. 0044 0. 0004 0.0344 0. 0000 0. 0000 0. 0680 0.0100 0.2260 0.1252 0.0684 0.0150 0. 2062 0.0014 0.1470 1.3 1.1E-01
2018/10/27 0. 1345 0. 0000 0.0010 0.0018 0. 0000 0. 0000 0. 0064 0. 0000 0. 0947 0. 0000 0. 0000 0. 0000 0.0110 0.1570 0. 0441 0. 0807 0.0164 0.2754 0. 0095 0.1675 6.1 8 9E-02
2018/10/28 0. 0000 0. 0033 0. 0000 0. 0008 0. 0257 0. 0000 0. 0058 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0007 0. 0933 0. 0234 0. 0887 0. 0226 0.2490 0. 0084 0.4783 3.1 7.3E-02
2018/10/29 0. 0206 0.0224 0. 0022 0. 0000 0. 0004 0. 0000 0. 0032 0. 0000 0.0471 0. 0000 0. 0000 0. 0000 0. 0599 0.3871 0. 0458 0.0838 0. 0559 0. 2553 0.0471 0. 0307 3.4  1.1E-01
2018/10/30 0.0149 0. 0266 0. 0022 0. 0000 0.0119 0. 0000 0. 0059 0. 0000 0.0672 0. 0209 0. 0000 0. 0000 0. 0000 0. 0000 0.0214 0.0979 0. 0345 0.2776 0.0103 0. 4085 2.9 2.3E-02
2018/10/31 0.0147 0. 0537 0.0000 0.0012 0. 0256 0. 0000 0.0023 0. 0000 0.0280 0.0179 0. 0000 0.0000 0. 0000 0.1690 0. 0407 0.0710 0.0190 0. 2629 0.0076 0. 2863 2.1 9.1E-02
2018/11/1 0. 0264 0.0190 0. 0008 0. 0089 0.0157 0. 0000 0.0016 0. 0000 0. 0369 0. 0000 0. 0000 0. 0000 0. 0000 0. 0900 0. 0260 0.0917 0. 0261 0.2474 0. 0070 0. 4025 2.3 1.2E-02
2019/1/18 0. 0331 0.0712 0. 0035 0. 0009 0.0131 0. 0000 0. 0000 0. 0001 0.0410 0. 0000 0. 0000 0. 0080 0.0079 0. 1561 0. 0380 0.0700 0.0370 0.2440 0. 1242 0. 1520 5.0  9.0E-02
2019/1/19 0.0121 0.0315 0.0019 0.0011 0. 0008 0. 0000 0.0034 0. 0001 0.1249 0. 0000 0. 0390 0. 0200 0. 0054 0. 1246 0.0315 0. 1045 0.0729 0.2645 0. 0548 0. 1069 6.2 8 1E-02
2019/1/20 0.0343 0. 0000 0.0013 0. 0000 0.0106 0. 0000 0. 0041 0. 0000 0. 0761 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1234 0.1702 0. 1950 0. 0245 0. 3606 141 8.3E-15
2019/1/21 0.0329 0.0116 0. 0000 0. 0025 0.0018 0. 0000 0. 0029 0. 0000 0.1177 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0066 0.1159 0. 0368 0.2804 0. 0346 0. 3563 5.6 5 1E-03
2019/1/22 0.0377 0.0129 0. 0000 0. 0047 0. 0035 0. 0000 0. 0025 0. 0000 0. 1591 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0003 0.1137 0. 0554 0. 2652 0.0343 0.3105 4.6  3.6E-03
2019/1/23 0. 0605 0. 0000 0.0015 0. 0003 0. 0032 0. 0000 0. 0049 0. 0000 0.1128 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0011 0.1074 0. 0826 0.2174 0. 0249 0. 3835 8.6  1.3E-03
2019/1/24 0. 0409 0.0470 0. 0000 0.0023 0. 0000 0. 0000 0. 0025 0. 0000 0. 0968 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1175 0. 0321 0.3014 0. 0453 0.3143 1.2 3.3E-17
2019/1/25 0. 0240 0. 0000 0. 0000 0. 0022 0.0015 0. 0000 0.0012 0. 0000 0.0870 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1278 0. 0667 0.2921 0. 0229 0.3748 6.3  6.7E-05
2019/1/26 0.0193 0. 0000 0. 0000 0. 0052 0. 0050 0. 0000 0. 0058 0. 0000 0. 0497 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1245 0.1915 0.1670 0.0213 0. 4107 9.4 4. 3E-06
2019/1/21 0.0098 0. 0000 0. 0000 0. 0047 0. 0020 0. 0000 0. 0039 0. 0000 0. 0963 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0013 0.1371 0.1016 0.2608 0. 0296 0. 3530 5.1 1. 9E-03
2019/1/28 0.0394 0. 0000 0. 0023 0. 0000 0. 0097 0. 0000 0. 0031 0. 0000 0.1270 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0033 0. 1266 0.1138 0.2383 0. 0353 0.3011 9.4  4.0E-03
2019/1/29 0.0123 0. 0591 0. 0026 0.0010 0. 0009 0. 0000 0. 0032 0. 0000 0.1296 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0196 0.1070 0.0634 0.2934 0.0472 0.2605 6.1  2.0E-02
2019/1/30 0.0575 0. 0000 0. 0000 0. 0049 0.0101 0. 0000 0.0028 0. 0000 0. 0691 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1279 0.0616 0.3018 0. 0081 0. 3561 1.1 8.6E-17
2019/1/31 0. 0492 0. 0000 0. 0005 0. 0000 0. 0000 0. 0000 0. 0031 0. 0000 0. 1354 0. 0000 0. 0000 0. 0350 0.0152 0.2035 0. 1000 0. 0852 0.0737 0.1978 0. 0432 0. 0582 9.3 8.9E-02
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CMB & f##fTIC & 2 RARF SHERR (2019)

BAY& EEMEAE MWBIRE T -t To—EILE HERE
EHEME HERTF TR A RRPRS  BBEHES JL—IHE HREE  EREAM vani  Fa—HL e RIRHIE  HEMERGE Lt NH4+ NO3- S042- Cl- UK (ug/m) uc
2019/5/8 0. 0444 0. 0000 0.0011 0. 0000 0.0076 0. 0000 0.0014 0. 0000 0.0157 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0555 0. 0837 0. 0457 0.2473 0. 0060 0.4914 12.9  8.2E-03
2019/5/9 0.1373 0. 0000 0. 0000 0. 0000 0. 0064 0. 0000 0.0016 0. 0000 0. 0494 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0884 0.0791 0.0272 0.2145 0.0028 0. 3932 23.5  1.6E-16
2019/5/10 0.0712 0. 0000 0. 0046 0. 0000 0. 0000 0. 0000 0.0028 0. 0000 0. 0851 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0805 0.0924 0. 0248 0.2382 0. 0032 0.397 15.7  6.4E-17
2019/5/11 0.0988 0. 0000 0. 0000 0.0053 0. 0023 0. 0000 0. 0035 0. 0000 0. 0563 0. 0000 0. 0560 0. 0240 0. 0060 0. 0050 0.0417 0. 0593 0.0274 0.1268 0. 0022 0. 4854 7.3 4.9E-02
2019/5/12 0.0754 0. 0000 0. 0000 0.0314 0. 0086 0. 0000 0. 0026 0. 0000 0. 0464 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0617 0. 0281 0.1388 0.0023 0. 6046 6.4  T7.1E-17
2019/5/13 0. 0897 0. 0000 0. 0002 0. 0000 0.0014 0. 0000 0. 0058 0. 0000 0.0484 0. 0000 0. 0000 0. 0650 0. 0240 0.0110 0.0223 0.0813 0.0167 0. 1885 0.0014 0. 4444 7.8 5.5E-02
2019/5/14 0.1345 0. 0000 0.0079 0. 0000 0. 0000 0. 0000 0. 0050 0. 0000 0.0756 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0791 0.0189 0.1892 0. 0009 0. 4888 11.1 3. 1E-06
2019/5/15 0.0274 0. 0000 0. 0055 0. 0000 0. 0007 0. 0000 0. 0022 0. 0000 0.0575 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0355 0.1088 0.0120 0.2624 0. 0009 0.4872 12.5  2.5E-17
2019/5/16 0.0610 0. 0000 0. 0050 0. 0000 0. 0000 0. 0000 0. 0040 0. 0000 0. 0485 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0353 0.1129 0.0109 0.2741 0.0010 0.4472 14.7  1.5E-05
2019/5/17 0.0479 0. 0000 0. 0049 0. 0000 0. 0003 0. 0000 0. 0069 0. 0000 0. 0509 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0306 0.1215 0.0116 0.3017 0. 0008 0.4229 12.1 1. 6E-04
2019/5/18 0. 0980 0. 0000 0. 0060 0. 0000 0. 0062 0. 0000 0.0034 0. 0000 0. 0447 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0016 0.0848 0.0073 0. 2086 0. 0005 0.5389 15.1 1. 8E-03
2019/5/19 0.0765 0. 0002 0. 0062 0. 0000 0. 0000 0. 0000 0. 0065 0. 0000 0. 0653 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0292 0.0754 0. 0094 0. 1906 0. 0007 0. 5400 13.8  1.7E-04
2019/5/20 0.1571 0. 0000 0. 0001 0. 0000 0. 0000 0. 0000 0.0013 0. 0000 0.0513 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0532 0. 0254 0.1677 0.0156 0.5282 13.0  3.6E-05
2019/5/21 0. 0000 0. 0000 0. 0000 0. 0005 0.0139 0. 0000 0.0010 0. 0000 0.0018 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0579 0.0870 0. 0250 0.2929 0. 0052 0.5150 5.6  1.6E-03
2019/7/17 0. 0404 0. 0000 0. 0000 0. 0000 0.0177 0. 0000 0. 0045 0. 0000 0. 0036 0. 0000 0. 0000 0. 0390 0. 0093 0. 0497 0. 0020 0.0827 0.0079 0. 2000 0. 0000 0. 5432 10.1  5.0E-02
2019/7/20 0.0016 0. 0000 0.0023 0. 0022 0.0112 0. 0000 0.0109 0. 0000 0. 0003 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0316 0.1275 0. 0000 0. 3209 0. 0000 0.4915 9.1 1.5E-03
2019/7/21 0.0114 0.0028 0. 0003 0.0071 0. 0000 0. 0000 0. 0061 0. 0000 0.0238 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0124 0. 0933 0. 0000 0.2208 0. 0000 0.6218 4.8  6.8E-03
2019/7/22 0.0173 0.0107 0.0019 0. 0097 0. 0000 0. 0000 0. 0041 0. 0000 0. 0449 0. 0000 0.0110 0. 0640 0. 0090 0.1970 0.0190 0.0797 0.0173 0. 1987 0.0013 0.3144 1.5  1.1E-01
2019/7/23 0. 0039 0. 0036 0. 0020 0.0073 0. 0031 0. 0000 0. 0049 0. 0000 0. 0333 0. 0000 0. 0000 0. 0000 0. 0099 0. 2669 0. 0232 0. 0926 0.0133 0.2511 0.0016 0.2834 9.0 1.1E-01
2019/7/24 0. 0000 0. 0000 0. 0045 0. 0000 0. 0073 0. 0000 0. 0032 0. 0000 0. 0221 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0350 0.1112 0. 0082 0.2684 0. 0000 0. 5402 9.8  3.0E-17
2019/7/25 0. 0652 0. 0000 0. 0023 0. 0000 0.0119 0. 0000 0.0028 0. 0000 0.0190 0. 0000 0. 0440 0.0120 0. 0000 0. 0290 0.0150 0. 1249 0. 0056 0. 3480 0. 0000 0.3203 17.7  4.4E-02
2019/7/26 0. 0000 0. 0000 0. 0042 0. 0000 0. 0061 0. 0000 0.0027 0. 0000 0.0195 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0509 0.1145 0. 0000 0.311 0. 0000 0.4910 1.7 1.2E-05
2019/7/21 0. 0000 0. 0000 0. 0034 0. 0000 0. 0001 0. 0000 0. 0091 0. 0000 0. 0362 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0387 0. 0992 0. 0041 0. 2680 0. 0000 0.5412 12.2  7.5E-05
2019/7/28 0. 0000 0. 0000 0. 0055 0. 0000 0.0219 0. 0000 0. 0033 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0299 0.1172 0. 0000 0. 3051 0. 0000 0.517 9.9 2.6E-08
2019/7/29 0.0132 0. 0002 0. 0002 0.0145 0. 0000 0. 0000 0. 0030 0. 0000 0. 0283 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1560 0. 0000 0. 4429 0. 0000 0.3418 8.4  3.7E-04
2019/7/30 0.0140 0.0072 0. 0006 0. 0041 0.0018 0. 0000 0. 0005 0. 0000 0.0073 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0072 0.1784 0. 0000 0. 4928 0. 0000 0. 2861 9.7 4.2E-03
2019/7/31 0. 0447 0. 0056 0. 0032 0.0070 0. 0000 0. 0000 0.0035 0. 0000 0. 0244 0. 0000 0. 0000 0. 0527 0. 0002 0.0415 0.0082 0.1579 0. 0000 0. 4368 0. 0000 0.2145 7.6  5.3E-02
2019/8/1 0.0014 0. 0000 0. 0048 0.0211 0. 0000 0. 0000 0. 0050 0. 0000 0.0314 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0367 0.1616 0. 0000 0. 4485 0. 0000 0.2894 9.9 1.3E-03
2019/10/17 0. 0954 0. 0000 0. 0000 0. 0000 0.0010 0. 0000 0.0071 0. 0000 0.1714 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0082 0. 0632 0. 0340 0.1764 0.0077 0. 4357 4.7  3.0E-03
2019/10/18 0.0072 0. 0000 0. 0055 0. 0000 0. 0000 0. 0000 0.0077 0. 0000 0.0768 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0467 0. 0503 0.0308 0.1292 0.0017 0. 6442 6.5 5.7E-17
2019/10/19 0. 0026 0. 0000 0. 0000 0. 0008 0. 0007 0. 0000 0. 0062 0. 0000 0.0608 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0317 0.0778 0. 0560 0.1710 0. 0026 0.5897 5.0 3.6E-03
2019/10/20 0. 0057 0. 0000 0.0036 0. 0000 0. 0000 0. 0000 0. 0047 0. 0000 0. 1089 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0394 0.0825 0.0137 0.2235 0. 0020 0.5159 5.1  5.6E-03
2019/10/21 0. 0000 0. 0000 0. 0053 0. 0000 0. 0000 0. 0000 0. 0082 0. 0001 0. 0209 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0487 0.0749 0.0154 0. 1949 0.0010 0. 6306 7.8 8.3E-03
2019/10/22 0.0178 0. 0000 0. 0054 0. 0000 0. 0000 0. 0000 0. 0044 0. 0002 0. 0562 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0241 0.0572 0. 0220 0. 1505 0.0017 0. 6604 10.9  8.1E-03
2019/10/23 0.0780 0. 0007 0. 0000 0.0145 0. 0000 0. 0000 0. 0092 0. 0000 0.1058 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0305 0.0777 0. 0358 0.2075 0.0026 0.4376 5.3  5.5E-04
2019/10/24 0. 0608 0. 0003 0.0023 0. 0000 0. 0000 0. 0000 0. 0064 0. 0001 0.1004 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0258 0.1137 0. 0235 0. 3059 0.0020 0.3587 10.2 1.5E-02
2019/10/25 0. 0857 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0072 0. 0000 0.1145 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0483 0. 0297 0.2016 0.0438 0.4693 6.4  5.3E-17
2019/10/26 0.0103 0. 0068 0.0017 0. 0003 0. 0000 0. 0000 0.0162 0. 0000 0.1011 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0333 0.0324 0. 0294 0. 1247 0.0035 0. 6402 3.4 7.4E-03
2019/10/27 0. 0083 0. 0042 0.0014 0. 0001 0. 0000 0. 0000 0.0071 0. 0000 0.1024 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0248 0. 0839 0. 0304 0. 2630 0.0111 0.4633 4.6  6.3E-03
2019/10/28 0. 0067 0. 0000 0. 0021 0. 0000 0. 0000 0. 0000 0. 0063 0. 0000 0.1282 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0478 0.0772 0.0348 0. 2089 0.0048 0. 4832 4.6 3.1E-03
2019/10/29 0. 0000 0. 0000 0. 0063 0. 0000 0. 0000 0. 0000 0.0073 0. 0000 0.0796 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0656 0. 0821 0. 0275 0.2075 0.0016 0.5224 8.0 9.7E-17
2019/10/30 0.1146 0.0043 0. 0021 0. 0000 0. 0000 0. 0000 0. 0026 0. 0000 0.1097 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0500 0. 0861 0.0314 0.2671 0.0129 0.3192 7.0 4.4E-03
2020/1/15 0.0615 0. 0000 0. 0002 0. 0000 0. 0035 0. 0000 0. 0049 0. 0000 0. 0980 0. 0000 0. 0000 0. 0000 0. 0000 0. 0007 0. 0000 0.1026 0.1022 0.1728 0.0154 0. 4381 9.2  6.7E-04
2020/1/16 0. 0664 0. 0000 0. 0009 0. 0000 0. 0057 0. 0000 0. 0040 0. 0000 0. 0494 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1146 0. 0482 0.2411 0.0113 0. 4583 5.6 1.6E-02
2020/1/17 0.0692 0. 0000 0. 0000 0. 0000 0. 0003 0. 0000 0. 0027 0. 0000 0. 0960 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1165 0. 0400 0.2633 0.0148 0.3972 6.0  5.4E-04
2020/1/18 0. 0657 0. 0000 0.0018 0. 0000 0. 0020 0. 0000 0. 0035 0. 0003 0.107 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1242 0.0717 0.2608 0.0143 0. 3485 12.0  2.9E-05
2020/1/19 0. 0491 0. 0000 0. 0005 0. 0001 0. 0025 0. 0000 0. 0039 0. 0000 0. 0990 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1130 0. 1057 0.2073 0.0146 0. 4042 12.3  1.4E-05
2020/1/20 0. 0032 0. 0000 0.0016 0. 0009 0.0105 0. 0000 0. 0045 0. 0000 0.0992 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0233 0.1386 0.0746 0.2729 0.0132 0.3576 5.9 9.1E-03
2020/1/21 0.0375 0. 0000 0. 0031 0.0018 0. 0046 0. 0000 0. 0042 0. 0008 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1446 0. 0261 0. 3565 0.0104 0.4104 9.2  8.4E-08
2020/1/22 0.0276 0. 0000 0. 0001 0.0015 0. 0090 0. 0000 0. 0032 0. 0003 0.1153 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1422 0. 0822 0.3078 0. 0096 0.3012 9.0 2.9E-05
2020/1/23 0. 0244 0. 0000 0.0076 0. 0000 0. 0039 0. 0000 0. 0055 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0449 0.1077 0. 1262 0.1777 0.0149 0.4873 13.0  5.2E-18
2020/1/24 0. 0481 0. 0000 0. 0056 0. 0000 0. 0031 0. 0000 0. 0042 0. 0004 0.1320 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0073 0.1331 0. 0968 0.2790 0. 0256 0. 2649 12.4  2.0E-13
2020/1/25 0. 0254 0. 0000 0.0013 0.0012 0. 0000 0. 0000 0. 0030 0. 0003 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0395 0. 0949 0.0311 0. 2600 0. 0302 0.5130 4.5  8.6E-03
2020/1/26 0. 0090 0. 0000 0. 0022 0. 0001 0. 0000 0. 0000 0.0024 0. 0005 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0269 0. 0963 0. 0349 0. 2260 0.0472 0.5545 4.3 5.8E-03
2020/1/27 0.0716 0. 0000 0. 0000 0.0014 0. 0000 0. 0000 0. 0039 0. 0000 0. 0446 0. 0000 0. 0000 0. 0000 0. 0000 0. 0007 0. 0000 0. 0893 0.0534 0.2011 0. 0490 0. 4849 8.8  1.4E-02
2020/1/28 0. 0855 0. 0000 0. 0002 0. 0000 0. 0000 0. 0000 0. 0061 0. 0000 0.0781 0. 0000 0. 0000 0. 0000 0. 0000 0. 0060 0. 0000 0. 0930 0. 0645 0.1974 0.0533 0. 4159 7.6 1.4E-02
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FAY& BEMEEE WHEHRE T —HL To—HLE HERE
ERE BT AR g EEHRN  GREES JL—IHE HABE  REAH vasi T4t e RIRHIE  HEHEMAGE ) NH4+ NO3- S042- cl- UK (ug/m) uc
2020/5/13 0. 0000 0. 0000 0.0127 0. 0000 0. 0000 0. 0000 0. 0048 0. 0000 0.0733 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1492 0. 1206 0.0221 0.3015 0.0015 0.3144 13.6  8.5E-17
2020/5/14 0.0479 0.0014 0.0128 0. 0000 0.0017 0. 0000 0.0017 0. 0000 0.0684 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0243 0.0664 0.0316 0.1329 0. 0028 0. 6081 7.6 1.4E-02
2020/5/15 0. 0000 0. 0000 0.0147 0. 0000 0. 0029 0. 0000 0. 0022 0. 0000 0.0710 0. 0000 0. 0000 0. 0000 0. 0290 0. 2080 0. 2890 0.0476 0.0324 0.1147 0.0017 0.1868 20.4  8.8E-02
2020/5/16 0. 0265 0.0124 0. 0056 0. 0009 0. 0000 0. 0000 0.0071 0. 0000 0.0733 0. 0000 0. 0000 0. 0030 0. 0000 0. 0820 0.0479 0. 0947 0.0798 0.1886 0. 0202 0.3579 11.4  6.6E-02
2020/5/17 0.0119 0. 0000 0. 0055 0. 0035 0. 0032 0. 0000 0.0118 0. 0000 0.0602 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0327 0. 1050 0.0421 0.2013 0. 0024 0. 5205 7.6 9.5E-03
2020/5/18 0.0172 0.0186 0. 0055 0. 0007 0.0019 0. 0000 0. 0080 0. 0000 0.0328 0. 0000 0. 0000 0. 0000 0. 0060 0.2683 0. 0248 0. 1054 0. 0400 0.2413 0.0150 0.2145 8.0 1.1E-01
2020/5/19 0. 0440 0.0028 0.0110 0.0023 0. 0090 0. 0000 0. 0000 0. 0000 0.0239 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0127 0.0151 0.0092 0.0414 0. 0040 0. 8245 6.5 1.1E-02
2020/5/20 0. 0000 0. 0000 0. 0000 0. 0000 0. 0255 0.0571 0. 0000 0. 0000 0. 0081 0. 0000 0. 0000 0. 0000 0.0795 0. 0200 0. 0029 0. 0600 0. 0500 0.1588 0.0213 0.5170 0.8 7.1E-02
2020/5/21 0.0122 0.0012 0. 0028 0.0011 0. 0085 0. 0000 0.0017 0. 0000 0. 0000 0. 0000 0. 0000 0. 0032 0. 0000 0. 0000 0. 0049 0.0717 0.0194 0.1478 0. 0069 0.7187 3.6  4.3E-03
2020/5/22 0. 0028 0.0076 0. 0051 0. 0035 0. 0087 0. 0000 0. 0223 0. 0000 0.0579 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0068 0. 1498 0. 0659 0.3024 0.0161 0.3511 4.1  8.6E-03
2020/5/23 0.0038 0.0019 0. 0057 0.0028 0.0012 0. 0000 0.0123 0. 0000 0.0711 0. 0000 0. 0000 0. 0000 0.0015 0. 0985 0. 0069 0.1315 0.0437 0.2817 0. 0031 0. 3342 7.1 1. 7E-02
2020/5/24 0.0084 0. 0000 0.0155 0. 0000 0. 0049 0. 0000 0. 0039 0. 0000 0. 0352 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0199 0.0748 0.0152 0. 1443 0. 0009 0.6770 7.9  5.1E-03
2020/5/25 0.0072 0.0075 0.0118 0.0027 0. 0086 0. 0000 0. 0005 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0035 0.0988 0.0192 0.2423 0. 0050 0.5929 5.2 3.6E-03
2020/5/26 0. 0287 0. 0040 0.0174 0. 0031 0. 0031 0. 0000 0.0072 0. 0000 0. 0429 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0058 0.0816 0. 0286 0.1786 0.0014 0.5976 5.6 6.9E-03
2020/7/21 0. 0293 0. 0000 0.0032 0. 0001 0. 0000 0. 0000 0. 0030 0. 0000 0.0241 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0691 0.0116 0. 1566 0. 0020 0.7010 12.9  2.9E-05
2020/7/22 0. 0066 0. 0000 0. 0039 0. 0000 0. 0000 0. 0000 0. 0059 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0134 0.0914 0. 0000 0.2206 0. 0000 0. 6581 6.3  3.8E-03
2020/7/23 0.0303 0. 0000 0.0003 0. 0000 0. 0000 0. 0000 0. 0031 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0679 0. 0000 0.1974 0. 0000 0. 7009 3.9  1.4E-17
2020/7/24 0.0198 0. 0000 0. 0000 0.0003 0. 0000 0. 0000 0. 0029 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0809 0. 0000 0.2036 0. 0000 0. 6924 5.5  5.0E-05
2020/7/25 0. 0337 0. 0000 0.0010 0. 0000 0. 0000 0. 0000 0. 0089 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0473 0. 0000 0.1173 0. 0000 0.7918 6.3 2 6E-17
2020/7/26 0. 0061 0. 0000 0. 0004 0. 0050 0.0013 0. 0000 0.0074 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0016 0.0539 0. 0000 0.1274 0. 0000 0.7969 2.3 2.2E-03
2020/7/28 0. 0067 0. 0000 0.0015 0. 0067 0. 0060 0. 0000 0. 0053 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0020 0.0423 0. 0000 0. 1042 0. 0050 0. 8202 2.6 2.9E-03
2020/7/29 0.0325 0. 0036 0. 0042 0. 0000 0.0133 0. 0000 0. 0029 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0458 0.0113 0.1166 0.0019 0.7679 5.3  1.9E-03
2020/7/30 0.0308 0. 0000 0. 0029 0. 0002 0. 0000 0. 0000 0. 0043 0. 0000 0.0478 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0579 0. 0056 0.1389 0. 0000 0.7117 9.0 5.3E-05
2020/7/31 0. 0000 0. 0000 0. 0036 0. 0000 0. 0000 0. 0000 0. 0063 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0285 0.1372 0.0105 0. 3246 0. 0000 0. 4893 5.7  1.9E-05
2020/8/1 0. 0068 0. 0000 0. 0007 0. 0000 0. 0000 0. 0000 0. 0030 0. 0000 0. 0092 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0771 0. 0000 0.1838 0. 0000 0.7194 6.8 2.0E-03
2020/8/2 0.0193 0. 0000 0.0017 0. 0040 0. 0000 0. 0000 0. 0088 0. 0000 0.0043 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0812 0. 0065 0.1826 0. 0000 0.6917 9.2 2.2E-03
2020/8/3 0. 0256 0. 0000 0.0023 0.0022 0. 0009 0. 0000 0. 0046 0. 0000 0.0033 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1149 0. 0000 0.3746 0. 0000 0.4716 13.4  2.6E-03
2020/8/4 0.0119 0. 0000 0. 0017 0. 0000 0. 0000 0. 0000 0. 0007 0. 0002 0. 0092 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0632 0. 0000 0.4371 0. 0000 0. 4762 42.1  2.7E-07
2020/10/21 0.0210 0. 0000 0.0014 0. 0008 0.0153 0. 0000 0. 0037 0. 0000 0. 0285 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0034 0. 0509 0. 0282 0.1212 0. 0025 0.7230 8.5  5.1E-03
2020/10/22 0. 0251 0. 0000 0. 0037 0. 0000 0. 0054 0. 0000 0. 0048 0. 0000 0.0392 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0198 0.0598 0.0236 0. 1447 0. 0040 0. 6699 12.3  8.5E-03
2020/10/23 0. 0000 0. 0052 0.0072 0. 0001 0. 0289 0. 0000 0. 0063 0. 0000 0.0191 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0122 0.0925 0.0304 0.2286 0. 0084 0.5612 5.6  9.8E-03
2020/10/24 0.0109 0.0184 0.0018 0. 0000 0. 0042 0. 0000 0. 0000 0. 0000 0. 0492 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0124 0. 0556 0.0473 0. 1855 0.0320 0.5826 5.5  8.8E-03
2020/10/25 0.0103 0.0320 0. 0020 0. 0000 0. 0069 0. 0000 0.0013 0. 0000 0.0788 0. 0000 0. 0000 0.0270 0. 0981 0.2339 0.0904 0. 0422 0.0389 0. 1581 0.0170 0. 1631 5.4  9.1E-02
2020/10/26 0. 0027 0. 0033 0. 0030 0. 0002 0.0012 0. 0000 0. 0042 0. 0000 0. 0240 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0504 0.0644 0.0324 0.1729 0.0153 0. 6258 3.4 1.3E-02
2020/10/27 0. 0000 0. 0000 0.0139 0. 0000 0. 0567 0. 0000 0.0124 0. 0000 0.0318 0. 0000 0. 0000 0. 0240 0.0270 0.0410 0.0674 0. 0555 0. 0452 0.1135 0. 0065 0. 5051 3.1 4.4E-02
2020/10/28 0.0163 0. 0000 0. 0036 0. 0000 0.0138 0. 0000 0. 0087 0. 0000 0.0117 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0493 0. 0667 0.0357 0.1343 0. 0048 0. 6553 4.2 1.1E-02
2020/10/29 0. 0000 0.0019 0.0071 0. 0000 0. 0056 0. 0000 0. 0045 0. 0000 0. 1267 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0905 0. 1090 0.0423 0.2676 0. 0093 0. 3356 7.1 1. 4E-03
2020/10/30 0. 0066 0. 0022 0. 0022 0. 0000 0. 0055 0. 0000 0. 0027 0. 0000 0.1249 0. 0000 0. 0000 0. 0000 0. 0000 0. 0001 0.0163 0. 0950 0.0238 0.2317 0.0079 0.4812 4.2 4.1E-03
2020/10/31 0.0123 0.0019 0. 0050 0. 0006 0. 0000 0. 0000 0. 0067 0. 0000 0.1122 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0279 0. 0981 0. 0552 0.2276 0.0109 0.4417 5.8 7.5E-03
2020/11/1 0. 0000 0. 0000 0. 0056 0. 0001 0. 0253 0. 0000 0. 0041 0. 0000 0. 0941 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0830 0. 0203 0.2176 0. 0027 0.5471 1.4 1.2E-04
2020/11/2 0. 0041 0. 0000 0. 0082 0. 0001 0.0464 0. 0000 0. 0000 0. 0000 0. 0300 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0251 0.0984 0. 0609 0.2072 0. 0065 0.5130 6.9 3.9E-03
2020/11/3 0. 0000 0. 0000 0. 0054 0. 0002 0.0211 0. 0000 0. 0000 0. 0000 0. 0350 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0188 0.1107 0.0357 0. 2554 0. 0054 0.5123 5.6  3.8E-04
2021/1/21 0.0113 0. 0000 0. 0041 0. 0001 0.0034 0. 0000 0.0034 0. 0000 0.0670 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0321 0.1253 0. 1069 0.0823 0.0145 0. 5496 8.7 7.0E-03
2021/1/22 0. 0592 0. 0000 0.0034 0.0019 0.0132 0. 0000 0. 0023 0. 0000 0. 0455 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1433 0.1463 0.1112 0.0133 0. 4605 13.4  1.9E-16
2021/1/25 0. 0086 0. 0000 0. 0008 0. 0001 0.0015 0. 0000 0.0013 0. 0000 0.0282 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1183 0.1038 0.0794 0.0179 0. 6401 10.4  1.4E-05
2021/1/26 0. 0446 0. 0000 0. 0027 0. 0000 0.0139 0. 0000 0. 0039 0. 0000 0.0475 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1044 0.1329 0.1013 0.0145 0.5344 15.8  2.3E-17
2021/1/21 0. 0430 0. 0036 0.0034 0. 0000 0. 0000 0. 0000 0. 0036 0. 0001 0.1319 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0216 0.1162 0.0798 0.0619 0.0314 0. 5035 9.9 1.3E-02
2021/1/28 0.0799 0.0101 0.0043 0. 0000 0. 0000 0. 0000 0. 0053 0. 0001 0. 1269 0. 0000 0. 0000 0.0323 0.0184 0. 0443 0. 0050 0.0932 0.0821 0.0628 0.0317 0. 4037 1.7 4.7E-02
2021/1/29 0.0127 0.0185 0.0043 0.0017 0.0013 0. 0000 0. 0021 0. 0000 0.0725 0. 0000 0. 0000 0.0191 0. 0000 0.1639 0. 0238 0. 0849 0.0347 0. 0294 0. 0963 0. 4347 4.9  8.8E-02
2021/1/30 0. 0250 0.0218 0. 0056 0. 0000 0.0036 0. 0000 0. 0025 0. 0000 0.0914 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0297 0.1190 0. 0406 0.0326 0. 0467 0.5816 6.9 1.8E-02
2021/1/31 0. 0082 0. 0069 0.0079 0. 0002 0.0014 0. 0000 0.0028 0. 0000 0.1078 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0385 0.1349 0. 0542 0. 0430 0. 0300 0. 5640 8.3  1.3E-02
2021/2/1 0.0534 0. 0000 0. 0085 0. 0000 0.0148 0. 0000 0. 0000 0. 0000 0. 0667 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0066 0.1022 0.0744 0.0573 0.0167 0. 5993 8.6 7.7E-03
2021/2/2 0.0373 0.0019 0.0048 0. 0007 0. 0000 0. 0000 0. 0039 0. 0001 0.1182 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0285 0.1302 0.0726 0. 0559 0. 0209 0. 5249 10.6  1.3E-02
2021/2/3 0. 0090 0.0135 0. 0054 0. 0000 0. 0000 0. 0000 0. 0039 0. 0001 0.1196 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0416 0.1190 0.0451 0. 0361 0.0510 0. 5556 8.2 1.1E-02
2021/2/4 0. 0000 0. 0000 0. 0056 0. 0000 0. 0000 0. 0000 0.0034 0. 0000 0.1217 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0308 0.1147 0.0675 0. 0531 0. 0529 0. 5504 1.7 5.7E-17
2021/2/5 0. 0040 0. 0000 0.0032 0. 0000 0. 0000 0. 0000 0. 0037 0. 0000 0.1428 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0186 0.1120 0. 0965 0.0742 0.0394 0. 5056 8.5  3.5E-03
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2018/5/9 0. 0435 0. 0000 0. 0039 0.0106 0.0075 0. 0000 0.0070 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0379 0. 1005 0.0333 0. 2550 0.0100 0. 4908 6.0 1.6E-02
2018/5/10 0.0014 0. 0000 0.0019 0.0137 0.0079 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0045 0.1262 0.0136 0.3485 0. 0021 0. 4802 6.6 1.2E-03
2018/5/11 0. 0043 0. 0000 0. 0055 0. 0009 0.0136 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0459 0.0743 0. 0230 0.2426 0. 0045 0. 5855 14.8  4.2E-03
2018/5/12 0. 0000 0. 0000 0. 0000 0. 0200 0. 0258 0. 0000 0. 0007 0. 0000 0. 0000 0. 0000 0. 0000 0.0770 0. 0000 0. 0000 0. 0957 0.1070 0.0116 0. 3342 0.0013 0. 3267 19.9  6.1E-02
2018/5/13 0. 0000 0. 0000 0. 0000 0.0142 0. 0243 0. 0000 0. 0056 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0390 0.1024 0.0233 0.2871 0. 0020 0. 5021 21.0  2.9e-17
2018/5/14 0. 0000 0. 0000 0. 0059 0.0391 0.0190 0. 0000 0. 0032 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0089 0.1336 0.0427 0. 3355 0. 0022 0. 4100 11.0  1.6E-07
2018/5/15 0. 0000 0. 0000 0. 0049 0. 0000 0. 0280 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1406 0.0747 0. 0090 0.2163 0.0010 0.5254 16.6  1.3E-16
2018/5/16 0. 0000 0. 0000 0.0032 0.0128 0. 0262 0. 0000 0.0015 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1277 0.1133 0. 0041 0. 3403 0. 0008 0.3702 29.3  1.8E-16
2018/5/17 0. 0000 0. 0000 0.0100 0.0614 0. 0235 0. 0000 0.0018 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 1656 0.0125 0.4938 0.0010 0.2304 9.6  7.4E-06
2018/5/18 0. 0000 0. 0000 0. 0000 0.0331 0.0108 0. 0363 0. 0088 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0135 0. 0000 0. 0024 0.0258 0. 0000 0. 1254 0. 0000 0. 7440 1.3 2.9E-02
2018/5/19 0. 0000 0. 0000 0. 0000 0.0171 0.0213 0.3712 0.0175 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0657 0. 0000 0.1944 0. 0000 0.3127 0.9  3.2E-02
2018/5/20 0. 0337 0. 0000 0.0157 0.0017 0. 0000 0. 0000 0.0108 0. 0000 0.0186 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0352 0.0579 0.0115 0.1575 0.0034 0. 6540 6.1 1. 2E-02
2018/5/21 0. 0000 0. 0000 0.0254 0. 0059 0. 0000 0. 0057 0. 0032 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0601 0.0548 0.0146 0. 1461 0.0019 0. 6823 8.9  4.4E-03
2018/5/22 0.0284 0. 0000 0.0113 0.0011 0.0190 0. 0000 0. 0051 0. 0000 0. 0011 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0352 0. 0543 0.0126 0.1225 0. 0069 0.7023 1.1 1. 0E-02
2018/7/20 0. 0000 0. 0000 0. 0036 0. 0000 0.0143 0. 0000 0. 0049 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1786 0.0064 0. 5350 0. 0000 0.2572 24.3  1.8E-17
2018/7/21 0.0199 0. 0000 0. 0035 0. 0000 0.0057 0. 0000 0. 0086 0. 0000 0.0074 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1713 0. 0006 0.5125 0. 0008 0.2697 27.9  6.8E-06
2018/7/22 0. 0263 0. 0000 0. 0054 0. 0000 0.0073 0. 0000 0. 0053 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1415 0.0072 0.4253 0. 0009 0. 3807 21.7  3.6E-06
2018/7/23 0. 0000 0. 0000 0. 0033 0. 0000 0. 0057 0. 0000 0. 0039 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0092 0. 1589 0.0222 0.4322 0.0013 0. 3633 9.0 3.1E-18
2018/7/24 0. 0030 0. 0000 0. 0024 0.0015 0. 0000 0. 0000 0.0070 0. 0000 0. 0042 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0232 0. 1205 0. 0030 0. 3489 0. 0000 0. 4863 8.8 4.7E-03
2018/7/25 0.0703 0. 0000 0. 0029 0. 0062 0. 0000 0. 0000 0. 0067 0. 0000 0.0273 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0899 0. 0059 0. 2500 0. 0000 0. 5408 13.8  2.9E-05
2018/7/26 0. 0351 0. 0000 0. 0022 0. 0000 0. 0035 0. 0000 0. 0045 0. 0000 0.0382 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0901 0. 0043 0.2493 0. 0000 0.5728 15.2  4.4E-17
2018/1/21 0.1015 0. 0000 0. 0030 0. 0000 0. 0000 0. 0000 0. 0039 0. 0000 0.0438 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0886 0. 0060 0. 2866 0. 0004 0. 4662 14.9  5.8E-17
2018/7/28 0. 0404 0.0016 0.0016 0. 0000 0. 0000 0. 0000 0. 0059 0. 0000 0. 0441 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1073 0. 0031 0.3427 0. 0000 0. 4532 11.0  1.3E-03
2018/7/29 0. 0000 0. 0000 0. 0039 0. 0000 0. 0000 0. 0000 0.0154 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0502 0. 0526 0. 0061 0. 1930 0. 0000 0.6788 5.7  2.5E-05
2018/7/30 0. 0000 0. 0000 0.0028 0. 0000 0.0144 0. 0000 0. 0032 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0005 0. 0267 0.0084 0. 1004 0. 0000 0. 8436 9.1  5.1E-05
2018/7/31 0.0774 0.0034 0.0014 0. 0000 0. 0000 0. 0000 0. 0045 0. 0000 0. 0359 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0623 0.0034 0.2192 0. 0000 0. 5925 1.5 2.7E-03
2018/8/1 0. 0504 0. 0000 0.0038 0. 0000 0. 0000 0. 0000 0. 0048 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0179 0. 0825 0.0024 0.2911 0. 0000 0.5470 1.9 1.2E-02
2018/8/2 0.1019 0. 0000 0. 0054 0. 0000 0. 0000 0. 0000 0.0019 0. 0004 0. 0301 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0282 0. 0020 0.0750 0. 0000 0. 7551 17.2 3. 7e-17
2018/10/19 0.0764 0. 0000 0. 0029 0. 0000 0. 0037 0. 0000 0. 0067 0. 0000 0. 0443 0. 0000 0. 0020 0.0710 0. 0250 0.0010 0.0010 0.0571 0.0212 0.1471 0.0015 0.5392 8.5  5.9E-02
2018/10/20 0. 0530 0. 0000 0. 0008 0. 0000 0. 0086 0. 0000 0. 0062 0. 0000 0.0273 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0077 0.0622 0.0181 0. 1506 0. 0000 0. 6655 8.3  8.0E-03
2018/10/21 0. 0850 0. 0000 0.0015 0. 0000 0.0103 0. 0000 0. 0044 0. 0002 0.0310 0. 0000 0. 0000 0. 0520 0. 0020 0. 0350 0. 0242 0. 0569 0.0193 0. 1482 0.0013 0.5288 8.3  5.2E-02
2018/10/22 0.0744 0. 0000 0. 0000 0. 0000 0. 0066 0. 0000 0. 0026 0. 0000 0.0131 0. 0000 0. 0000 0.0417 0.0810 0. 0663 0.0110 0.0416 0.0232 0.1035 0. 0020 0. 5330 14.2  6.7E-02
2018/10/23 0. 1653 0. 0000 0. 0000 0. 0000 0. 0090 0. 0000 0.0071 0. 0000 0.0219 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0024 0. 0454 0.0128 0. 1256 0.0016 0. 6088 12.5  1.6E-16
2018/10/24 0. 0509 0. 0000 0. 0049 0. 0000 0. 0051 0. 0000 0. 0047 0. 0008 0. 0595 0. 0000 0. 0000 0. 0000 0. 0080 0. 2600 0. 0664 0.0917 0.0185 0.2593 0. 0043 0. 1658 8.1 1. 1E-01
2018/10/25 0. 1668 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0024 0. 0000 0.0329 0. 0000 0. 0024 0. 0301 0.1570 0.1922 0. 1205 0. 0587 0. 0305 0. 1800 0. 0030 0.0234 10.5  9.9E-02
2018/10/26 0. 1504 0. 0000 0. 0000 0. 0000 0.0071 0. 0000 0. 0046 0. 0000 0.0382 0. 0000 0. 0000 0. 0220 0. 0590 0.1510 0.0763 0.0684 0.0150 0.2062 0.0014 0.2003 11.3  9.5E-02
2018/10/27 0.0579 0. 0000 0. 0029 0. 0000 0. 0000 0. 0000 0. 0049 0. 0001 0.0709 0. 0000 0. 0040 0.1270 0.0100 0. 1665 0.1262 0. 0807 0.0164 0.2754 0. 0095 0.0477 6.1  9.3E-02
2018/10/28 0. 0000 0. 0065 0. 0000 0.0027 0. 0262 0. 0000 0. 0058 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0990 0.0131 0. 0887 0.0226 0. 2490 0. 0084 0. 4780 3.1 1.7E-02
2018/10/29 0.0112 0. 0251 0. 0038 0. 0000 0. 0001 0. 0000 0. 0046 0. 0000 0.0678 0. 0000 0. 0000 0. 0000 0. 0592 0.2018 0. 0439 0.0838 0. 0559 0. 2553 0.0471 0. 1405 3.4  8.9E-02
2018/10/30 0.0149 0.0374 0.0015 0. 0003 0.0128 0. 0000 0. 0058 0. 0000 0.0626 0.0210 0. 0000 0. 0000 0. 0000 0. 0000 0. 0235 0.0979 0. 0345 0.2776 0.0103 0. 3997 2.9  2.3E-02
2018/10/31 0. 0000 0.0382 0. 0000 0. 0006 0.0191 0. 0000 0.0017 0. 0000 0.0210 0. 0246 0.0025 0. 0490 0.0210 0.2830 0.0414 0.0710 0.0190 0.2629 0.0076 0.1375 2.1 1.1E-01
2018/11/1 0.0213 0. 0253 0.0010 0.0101 0.0178 0. 0000 0.0012 0. 0000 0.0276 0. 0000 0. 0000 0. 0000 0. 0000 0. 0890 0.0308 0.0917 0. 0261 0.2474 0.0070 0. 4037 2.3 7.1E-02
2019/1/18 0. 0082 0.1022 0. 0047 0. 0000 0.0147 0. 0000 0. 0000 0. 0003 0.0416 0. 0000 0. 0000 0. 0000 0.0141 0. 0849 0.0412 0.0700 0.0370 0. 2440 0. 1242 0.2129 5.0 7.9E-02
2019/1/19 0.0153 0.0274 0.0019 0. 0006 0. 0004 0. 0000 0. 0031 0. 0001 0.1108 0. 0000 0. 0000 0.0610 0. 0047 0. 2063 0.0339 0. 1045 0.0729 0.2645 0. 0548 0.0378 6.2 9.6E-02
2019/1/20 0. 0343 0. 0000 0.0013 0. 0000 0.0105 0. 0000 0. 0041 0. 0000 0. 0761 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1234 0.1702 0. 1950 0. 0245 0. 3606 14.1  2.7E-16
2019/1/21 0.0374 0.0270 0. 0000 0.0026 0.0028 0. 0000 0. 0027 0. 0000 0.1133 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0028 0.1159 0.0368 0.2804 0. 0346 0.3438 5.6 5. 1E-03
2019/1/22 0. 0336 0.0130 0. 0001 0. 0042 0. 0030 0. 0000 0. 0026 0. 0000 0.1598 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0036 0.1137 0. 0554 0. 2652 0. 0343 0.3114 4.6 5. 1E-03
2019/1/23 0. 0605 0. 0000 0.0015 0.0003 0. 0032 0. 0000 0. 0049 0. 0000 0.1128 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.0011 0.1074 0.0826 0.2174 0. 0249 0. 3835 8.6  1.3E-03
2019/1/24 0. 0409 0. 0470 0. 0000 0.0023 0. 0000 0. 0000 0. 0025 0. 0000 0.0968 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1175 0.0321 0.3014 0. 0453 0.3143 1.2 3.3E-17
2019/1/25 0.0238 0. 0000 0. 0000 0.0022 0.0015 0. 0000 0.0012 0. 0000 0. 0869 0. 0051 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1278 0.0667 0.2921 0. 0229 0. 3699 6.3  4.0E-03
2019/1/26 0.0193 0. 0000 0. 0000 0. 0052 0. 0050 0. 0000 0. 0058 0. 0000 0. 0497 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1245 0.1915 0.1670 0.0213 0. 4107 9.4 4.4E-05
2019/1/21 0. 0066 0. 0000 0. 0000 0.0028 0.0014 0. 0000 0. 0041 0. 0000 0.0972 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0054 0.137 0.1016 0.2608 0. 0296 0.3535 5.1  2.6E-03
2019/1/28 0.0394 0. 0000 0.0023 0. 0000 0. 0097 0. 0000 0. 0031 0. 0000 0.1270 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0033 0. 1266 0.1138 0.2383 0. 0353 0.3011 9.4  4.0E-03
2019/1/29 0.0108 0.0163 0. 0027 0. 0000 0. 0000 0. 0000 0. 0027 0. 0000 0. 1097 0. 0000 0. 0000 0.0079 0.0076 0.1735 0.0219 0.1070 0.0634 0.2934 0.0472 0.1358 6.1  9.2E-02
2019/1/30 0.0575 0. 0000 0. 0000 0. 0049 0.0101 0. 0000 0.0028 0. 0000 0. 0691 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0. 0000 0.1279 0.0616 0.3018 0. 0081 0. 3561 1.1 1.9E-17
2019/1/31 0. 0360 0. 0000 0.0015 0. 0000 0. 0000 0. 0000 0. 0036 0. 0000 0. 1546 0. 0000 0. 0000 0.0075 0.0145 0.1510 0.1022 0. 0852 0.0737 0.1978 0. 0432 0.1293 9.3  8.2E-02
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