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TN 3 A EBRBR B 0 FARHHE AR HEE (WEB BRf#) D -
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FEARATRESN-EZED WIR 2R U7 / LEEKICE D

R FIRPRETORE
BT LEREE O REER' RNEGRE

~YNVFT Ly 7 A PCR KUF ¥ B 7 U —BRIKE L — 27 = —Z2 v,

2012 FELIFICY 2o & —

WZHEA SR O 9 5 336 #RICKk L VNTR OB 25 L, 2D 5 6 334 B T4 24 fHIR O K8
UG LTz, BB Lz VNTR XY — & b E IS HRBRNT 2 5566 L, [Al— Uil & 2p - 72— o
ERIC L, RS — 7 = o —IZ KD BT ) LT 23T LT, ZOfER. VNTR BN ER2—HT
H o THHEBENMEFEERE LRWER, VNTR 28 23 FEID —EKIZ & & F - 72200 E kD SNV 23 0
LR HHI72 E UNTR o K0 & S HICEMEORRB/OND 2 EDan ol SEO—HE DTN G
VNTR 554 & Ll 7 ) IR 2 f B R To 3 IR AT IS . AR Pl 2w 5 L CIEF A

M5EY — N RV T LR ST,

Key words : M. tuberculosis, VNTR, NGS, TGS-TB, SNVs

1. [FLE®HIZ
FERZIL, YL TE © B YME I S L, &2F

THF 1 TAL EOBENPHE SN TV DLIENE
DEEBREIIETH D, HFRRIZIIT D 2021 0
BB eRAE R R ST 105 A, R (A1 10 HA
(X DB R AL B E L) 13 8.6 T, REDMEHA
92 KV IFEWb DD, HFHRRAZRSTILS T
DIEFLERDS 5 HifE O H ARIRHAL TIidA b =V IREE
DEENT N D 1)O

W O S FEFMMATFIELE LT, BARTIX
Variable Numbers of Tandem Repeats (VNTR) (2L %
BRI HT RN ED G TR Y | K% —TiX, 2012
ERE X W Japan Anti-Tuberculosis Association (JATA)
-VNTR {EIZ K% 12 S C oo &bt Lz, £
D%, BFEAIC T iEcE 2 o L. 2017 EFED
HIE, £ EHGRBIBE D &\ 24 FEI 5 HTE (248e0jing
VNTR) 12 & W R Z1T > T D, F72, 2021
EENSIT,. ZNETOT Ha—R 7 X D00
MOFxF Y BT Y —EIKE Y — 7 =Y —
(Capillary Electrophoresis Sequencer; CES) {2 & % 57
r~LBlo Bz 5L Ebic,~VF 7L APCR
DRET & R TTO, RIFRRERZ51- 2 & 2 HE
BEHTHD 2,

AEl, BEROFGE THEV, 2012 LRI Y

1 BT il L B Ry BR 5 R

T F T SR O VNTR o 2 152
Mg 5L &b R— LA OT — 2 X— A%
BEGL L7z, PREC. R—33EEO VNTR %
FFoRD—EIkt L, wkittis— 27 =% — (Next
Generation Sequencer; NGS) THfF L7277 —4 % H
T2 WNPRT A il L T2 D THE T D,

2. Fi&
2.1 VNTR 247
() I REH

2012 = 4 A H 6 2022 47 12 A F TORIZIRNA
PRAEFT & 0 BEIREES H - 7= 2 3418k D 5 5 DNA
RRAT D 4 ¥R OFIERSZEDTRE B 1 1k 2 B < 3t 336
HExtge e Lz,

2012 AEJEH D 2020 4R E TO DNA RIRIT, X4
T =T SR S B (200 pL @
WEE KD EOEIRZ BE S, 95°C ~100°C T
10 Ay RNEV% . 13,000 rpm T 10 43Rl L
7= EWE) L., 7Ha—AZ NI L% VNTR ol &
EhE L 7= OFRIEE BRI L T b oz v
7oo 2021 EELIBEOERIT, CESIZL DT —4 %
FOFEFEHW,

7235, 2012 LN B 2016 TR D & - 72 99
BRiZ., HEORETYE L & — T A S TEY
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2017 AEJE D ARE R N 2018 4EEE D 2 R A& 60 G105 L FEARE K MR A (I EL I 0D 928 SR A 0D R I 55 2 AT
FROBERDRATF STV RN o 72, DU AT & EHE IR A B O 5 &
(2)PCR RUREHDHIE EHIT, WL OMEMNTEKSE | VNTR XF —
BEH DI2HEVy, PCR 3KIZIX Platinum Multiplex % & &2 L 72 RFHEE & it L 7=,
PCR Master Mix (Thermo Fisher Scientific) % Fu>, 2.2 L8R/ LR
GC enhancer DIt Z 20% & Lz, e~ () A REH
TA~— DS R ORI, ik 28 4R E VNTR Z3#r TR S 7= Complex @ 9 5. NGS
VNTR EAiiiHES IR OBE#R 2D &0 & LTz (& \Z K DMAT DS FTRE 72 RN 22 BRT DB L T D
1), BUGSSMIE, WIHIEVZEME 95 °C 57 D1%%.95 C Mt-14cl4, Mt-15c06, Mt-18c14, Mt-19¢28, Mt-21c33
T30, 7=—U > Z7%60°CT0M, 72°CT  »5->50D Complex [Zhx., EYEDH 5 HBEDH
60 b D LA 354 7 /Ui DR L, S ERIG  PEREFH] & LT Complex (2% & 72 Mt-19a31 DFF
% 60°CT305& L, 6 D Complex Z*tg L Lz, Zi5H D Complex
REBORFETRO LB VITo72, PCR EMZEZ D 5H IKD NGS 7 — X%, FEEIIIEET & O
TE T 10 5L, PCREMD TEMWRIED 1) NTHB W TIERFDO b D& v, 782 3 BRITHET
9% 1 uL %, GeneScan 1200 LIZ dye Size Standard HIoT — 2 205 Lz,
0.25 puL &Y Hi-Di Formamide 10 puL (W3 d (2) DNA $1H
Thermo Fisher Scientific) &iE& L. 99 °CC 3 4> FicloT — & 2045 L7 38K DNA 1%, QlAamp
BNISPERVER U 7=, ALERES O 7 L % 3500 Genetic  DNA Mini Kit (QIAGEN) & FWCHlitt L7, Z DFE,
analyzer (Thermo Fisher Scientific) # V> Long  JWRAERIGELDO7Z®, filili T T 95°C, 10 43 DN
Fragment Analysis € — R CH#r L7z, Boies —  BUWLBEZITOV HHEBEXETEZeFy By N
% 1% GeneMapper Software 5 ( Thermo Fisher  TiT-o72, FHEEEHIZIX Monarch gDNA Elution
Scientific) 2 TH#HT L 7=, GeneMapper DFXE T 7 Buffer (10 mM Tris-Cl, pH 9.0, 0.1 mM EDTA; New
AV (Panel, bint > ) 1%, AREOHHES 9THL  England Biolab)Z V>, #% ik % Agencourt AMPure
fFanizbor A R—FL, B ATRT EED XP (Ry s~y a—Lx—) THELTIA T

bin DALE 2 ¥ L CEH L7, 7 U —1E8UZ =,
KE¥MOHLII D IZHBWNT, 20 2B 7-HE1C BNGS [ &k BT —2 MR UHRHT
IX—AZ 1520 & L7-, CES TE—27 BEHE 74 77V —{EHIZ1E. Nextera DNA Flex

RIS TZREIRIZ OW T, T A R — AT L D (INumina) % V>, 50x @ Coverage depth % H1Z (2
EDOGHREROFERXILT e —A 7L b iSeq100 (lllumina) T7 —# #Hf% L7z, NGS 7 —
B EITW,. ZNTHREBAY RABRITE 220y X O IR, ESLERYSERF 72 CTBA%E L7 ks
STEEAIZIE T-2), 1500 bp LA I3 RVEHI & NGS ftr /S 77 4 Toh 5 TGS-TB % 7=,
NTGEiE>20) & Lz, 7 e —A47 & CES Ll 7 ) BRIV T, RIS SNV A4
DR NI S T2GA/IE. T e — A7 Vv (f51] : Mt-00s00) % £} L. OSNV & 72> 7= #kIX[R U
DOREBOREITREY N2V EHER LRV 2358 SNV AL L L7z, £72.5 SNVSSBILINZ e » 7k % |
OOLNTHETX CES TRE LEKERHICEE L, HBEOEEOFMEERS ZKFELE LTH—2 7
CES 2B W T ¥ — 7 NMEEBHRH S 7256 00 K AL —|ZFE LD, F—0FEHES (il . Mt-00g00)
W23 D B — 7 DR S TG AT BRER D% Y % f13& L 7=, Median-Joining Network!®{Z & A 1EXIZ
RIS R A AT U St A & CRAEH AU E L T 1% POpARTWZ L L, AMEICIE, & TOMTICE
HIERHARBITED LT LT, W CERERANIZ H37RY 2 &\ V-,
Q) BB R VT —IN—XBEE

B L7- K850 % MLVA-mate\Z T HLls it L . 3. #R
& VNTR 3% — 12 VNTR %444 (5] : Mt-00v00) 3.1 VNTR &4f
ZAfFL7=, MLVA-mate TOEHTIZHT--> Tix, i X & LT 336 KD H B, 334 B TA 24 fHIED
BAVHEAR — B A LICRRE L A— X3tk 722883562 LN TE7, 55 2 HRIIRTAGF
BN 2 BRHBL LR T, 2o DK E iz DNA AR DENHEL . CES THLT A —A 7T
Complex & L TE &, [Al—d Complex 4 (4 : b SAREL O E 3 R 70 SR A 2GR BTz,
Mt-00c00, Mt-00a00) A ff L7z, & HIT, HBHRICK  HKOERRAFETH Y. DNA OFfIH b AFEETH -
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T e, TS ORI O RS  BERIN LT,
55172 334 k> VNTR 7 — # % MLVA-mate

PEHRAT L 7= & 2 A & 39 0 Complex 23 AL S i,

il &7 Complex |25 7 #RILE 139 Kk CThH -

2o FFB ATz Complex @ 9 6| 10 #REL EDOFEEED

&EN D Complex X 11Z/R LT,

a)Mt-12c07 (N=12)

W Eiiofs (N=9)
I Gl (N=1)
Mt-12v31 | Hitpis (N=2)

b) Mt-12c10 (N=14)

Mt-17v17

Mt-17v05

B Bithis; (N=8)
B Dithisi (N=2)
W Efig (N=4)

B Bitvi (N=3)
— it (N=3)
B Dintsi (N=3)
I Gt (N=1)

I Bl (N=11)

1 10KULOBE#H.NEEN S Complex
3.2 BT/ LR

%G L L= 6 D Complex Otk . (1)H»
H6) K OFE 212 LTz,

(MNMt-14c14 : FZMICEEN G <. HEBRICHBE
o t= 2 g T UNTR AY 23 $EI8— B L =541
SNV #1344 L7020 | :znra@ 2 BRICB L TiX
EEE 72 AR TR O ATREME LG B L HER ST,

H37Rv Mt-18s06

@ Bitig

10 samp i3
@ Eithizy

1 sample O Reference

Mt-19s15
2 Mt-14cl4 DAy FT—U K

(2)Mt-15c06 : EZFHIIZBEMN L <, HIEBHIZ PP
30N 2 Hiig T UNTR A% 24 4815 — Bk L =451
HERAIZIZ() L 0 o0V IR O FEHFTH
ST, I OFEE 7 SNVs DEW L o7-, A%
L L725SNVS IZIEW S DD B 2 m$k D Al RE
MEITHRENTH D I EPRB ST, 7272, Tk
SPRET AR BRE N EEMENS R &
AD SNV DU 6 775 12 & LTV A 689
NHDHZ LA, 2D 2 RO BEFEITR 2 41
BEN TS Z Ens MENRY V7 B3 5 alietk
LHBETERNED EHER SN,

H37Rv

Mt-17s07

10 @ Althig; (7)
O/ @ situg

1 sample

() Reference

Mt-19520
3 Mt-15¢06 D+ v kT—4 K

(QINMt-18¢c14 : EFMICEEMN A <. HIEBRIC LB
NTL3S 2 #higf T UNTR A 24 $EE— B L 1=
RO VNTR /& — 35 8ic—% Liz—7.
Fe 7 ) SRAT I SNV $0A3 255 & 720 | [E
ACRE O FTREMEII G ER) L HER ST,
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Mt-18s14

10 samp
Q @ Cihigt
1 sample
() Reference

Mt-18s31
4 Mt-18c14 Dy FT—O K

(4)NMt-19¢c28: AEEH LiEMOATEEMEA H Y . INTR
24 B —E L =61

PR RIS T B BE A OHAIZBET 2
FRITTRIo Te H3 & B ORI O G B 2 Lk
L= 2 A WHE LG RRFHICE UL CIREE
BV Z ORI B o 72 FTREME & B E TE 20
HHITH -T2, STBEERRO 7 ) SR OFERIT 0
SNV L7201 | EHER RO A[REM: 2R3 5 5
Blipoi,

H37Rv

m @ Ditis

1sample () Reference

(1255)

Mt-19s28
5 Mt-19¢28 DAy FT—V K

(5)Mt-21¢33 : FEHICEEMNRH SN =—AT.
VNTR A% 23 B D —EIZ & EF > =F4H]

2 Bk & HEMBYEF RO SBEFEE I H -
7273, VNTR (X 23 Ik D — i & &k » 7= %4l T
BoTo, Wl ) AENTTIZ0SNV & 720 VNTR
TR B EFIRE L ISR T RN G
iz,

H37Rv

"
Q
1 sample

(1858)

@ Blihiz
() Reference

Mt-21s33
6 Mt-21c33 D#y FT—U K

(6)Mt-19a31 : BEICHREEDHLHEEDHHEE
1l

WIIEl PR R 0D oy BfERE & FEBERE R D 23 BlERE I
VNTR /X% — % 20 fEI D — B L I o725, FD
7R3 FHERERF O S BERRIZ 381 5 L JATAB, JATALS,
JATALS D/RIE L | HFZEHEIK 1 I OEWTh -
77e 2D 28%E TGS-TBITAT LT= & = A, Hlfighr
TIX 0 SNV & 720 | FEANMME 2 815 L7 A &
Feo CTHPERE & oo T lBEMENR T ETE RV H D
LHEZRE T, 72, VNTR ST HHERE O (R AT >
OOEETIL, HHEEREO B T INH 23HE &
725 T8, TGS-TB O HANMHE TR BV T,
MELERR T INH IEMEGIZRE 59 % katG 28 KRB & 72
STEY KBALL T ) ARENTORERP—F L TW
B ENGTMoT,

H37Rv

(1244)

10
Q
1 sample

@ Bithisg
() Reference

Mt-19s31

7 Mt-19a31 DAy FT—V K

4. ER

4.1 VNTR 94

WA SNTFEEEO > H 334 FRT4A 24 fHD
UNTR T — X G C& /-2 Lickv,. 2nExTF
— A RENRE TR HSRICE DD T ENTET
WIR D o To R B BT ITT R RIZE D D Z LR T
X7z, TORER, IR0 4 ENX 75 139 BR2Mar
57D Complex Z T 5 Z L BB L7207z,
Z O, EEEAIERUT IS 7 o TOyBE S U AR A
BAERTOMARK L Complex 2B L7461 H & -
o2 b FESR Ik L CT 2 2SR L
TW ZENEETHD, £, IS LR
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VNTR X% — v Do b B S L
Complex 013 39 TH o722, ZOHITIE, T E
ThHIl% @ Complex T - 7= HEMHFE L, Hii-lfE
rxtgicagwl-wkznr LT —2DRE R
Complex ICE & E b HFIbHoT-, ZDT &b,
W HIERBAG T 57 — % 2B LizGA 12, ol
HEZR TRV @ EORIFRICKT L TH ot 2 B30t L,
T 57— X 2hiz T R& BB,

72, VNTR 3 #HrZE ORIBI 4T Tk, Rl—R o
BREHECNIMBTE A L) T—FEFHIZH TR
DM TH D, EERZ, SBIT—F X— 2 & 5
L7c& 2 A, NGS 1T X550 FIEFMT 2 ET 5
FERROBIRNIEF DR & 72 572, UNTR /3% —
RVEDNRE = NOHENNDLEMITH L THZE
NENMAHTE L IEHEREDOA X T — 2 LI CF
HT5HZ & T ARMAINDERKICR L THEhER
BN T2 D 5 Z LN TEH L EZ DN D,
4.2 BT/ LRI

NGS IZ L5757 LT OfES. [Fl—d Complex
WCEENDHRTH - TH | HBRAYIZ B 7 ek f ke
DORT, D OEFRESCH LR L TORBEN RO
RN AL, B ORTE O e 2 R L 722 VRS SR
PENINLD T EN o Tz, — ), EF LRGN
BE AN 8 B 3A ITIE. VNTR BN e s — & L7 <
T, WS DT ClIE i 2 9 D R
LR B AR R STz,

A EIOFITHRER D X 512, VNTR 047 Tl &%
EBE 2V 20 53 BERICHE U A2 R
EEDSHE T 2 ARtk H 5, Z D7z, VNTR &l
D—BOHERIE U TEFHELFEMTH L FE
BRIZIZ A BE#E A e W ER £ THDRRAERTG & e
STLE ) AMREMNTETE 2y, LL, 5
DH|EITHLRASLNTND K I, s ) LR
FrZE AHERZ I B2 5B E L TEFHFEICS
2B LTk EEAR ANERSOR 2 B
TEDOICERT D Z ENTE, L0 RAEE
ExtRIZomnbb0EEZ LR,

4.3 #ERBAODFERFENT

AlEl, NGS 7 — & OFFENT I IR TR%E S 4
TR T ) DB ANA T4 Th D
TGS-TB % iV 7=, TGS-TB I%. NGS TH/&G L=
—H %7 v ra— RNT5T L THRITNARE/R T2,
BE7 NGS 7 —4 & 2 B CEAITIER ICifEIC
T D EMTED, 2D, KA TFT A
DMEFTE DR 1L, EREE O 5 1R % Mkt
LCEMTHENTED, £io, RS 7 AR
PIAMZ b RSO ANEZ TR T 57— b

BoEND T FEEEO T ) MMENTICIEFE A &
W2 D,

U2 U, SRR WRNT 2 AR & 3 2 0 1R iR
Hridk, FERICEKSE CAMZR—J7 . &K% NGS fi#
Bricft L7ciGa 7 — 2B ETOa X RRBURT
IEEFEICEREE > CLEY ZENETH D, &
D=, B TIL, VNTR M55 < Hul gt
% EhE L, [El—@ Complex |Z& £ 5 EHENHHL
L7860 12 NGS figtr~ L A FEHRA~ & D
B ONRBLER N OHENEEZ HND,

BB ADRO LB | ARG E LEEKRO O b
71 105 BRIZEE MR STV e o 72728 NGS
FENTICAT 3720 D BE 72 DNA %1535 DR A[HET
Holz, NGS T ARRE L 72 o TR D 121X, VNTR
SIHTC Complex T L7-FEED < EFE T
T2 L EBBEZD E TR ONTIEN IR S T
2 2 BRI ATRE 72 PR BURSERF L Tl < 2 &
BELEZOLND,

5. &0

~/VF 7L w7 APCR L CES & HWW T, 2012
FREELIREITIRA ST/ D 5 6 334 R T4 24
BEIMOKEE A TG L T — X _X— A& g LT,
FEEGAEATIC K 0 TERL S 472 Complex D 9 HD 6 D
[ZOW T, TGS-TB (2 L5 NGS fi#hir 23847 L 7=
FLUVNTR L0 bEFE 2 KBS LS5 @k
FED TN N AIRE L 70 D 2 & Ny o T2,

ASHITK ISR LIZE 9 7% O TR S
% Complex % HUMZ NGS 1T K 2 LRk 2 8D |
P2 RPN RINCHART B 2 & TR ORERES
FICEBRL TV & 720,

#OEB
WFE /) N k0 N6S 7 — 2 ik L, E7=, &
RG22 BV 2 72T A B AR T B
SAEEATIERTHIRR RS E T TR e s AT B B 5t
AR LR L BT £,

x #
1) FAREEZOMZE 2021.
https://www.pref.aomori.lg.jp/soshiki/kenko/hoken/files
12021tbgaiyou.pdf SF154 1 H 23 H .
2) BIGHEFED) ¥y BT ) —EXKE Y —7
=R~ ALF T Ly 7 A PCR T K DHREZE
VNTR 7547, HARREREE R L ¥ —FH#, 32,
20-30, 2021
3) MRS S HEME ST ZE THIIZ 51T 2 f Rl fe
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B PR e % 0D 7 8O O HiL 5 i AR BF SR T D 3 HE 1 )
OHEMEN ONTIR ARG L D 1) EJ O 15 SR o
sifb]) SFRR 28 SRR VNTR BiTiHE S & #,
ol 28 AR
4) MG EEMET RS RMEFHRE S
~=a T MER T —F 77— T B i
KIBE MLVA /~> R7 > 7 (0157, 026, 0111 )
% 1R (Ver.l.2),2018 4 11 A
5) Seto, J. et al: Phylogenic assignment of
Mycobacterium tuberculosis Beijing clinical isolates in
Japan by maximum a posteriori estimation. Infect.
Genet. Evol., 35, 82-88, 2015.
6) [E 3L A7 B 38 1A N H K = 5% F 7 BR 38 B A%
(AMED) 7B « P B GLIE | 264 2 ST 122 55 dh
EPHRHEEM IR R A X v 7 AFRITIE D K
SRR YL RIE B o0 BRFERIF IR | (FEAEATZER I F0E 1)
RALHIX (T I 1T DGR T/ oy FHE A AT
JE1 @ WPRERCRERE S - BARPHES &R, 2021 4F 3
H19H

7) Sekizuka T. et al: TGS-TB: Total Genotyping
Solution for Mycobacterium tuberculosis  Using
Short-Read Whole-Genome Sequencing. PLoS One, 10,
e0142951, 2015

8) WEI AR WY TEEMEICR T ST
DFEAT OXEE]. FER%, 94, 547-552, 2019.

9) WHFNALRIZ ) « WIS T DRt 7/ b
Mr Ze RN T ft B 0y -2 il . RROME SR HERS, 97,
6-17, 2023.

10) Bandelt, H. et al.: Median-joining networks for
inferring intraspecific phylogenies. Mol. Biol. Evol., 16,
37-48, 1999.

11) Leigh, J. W. et al.: PopART: Full-feature software
for haplotype network construction. Methods Ecol.
Evol., 6, 1110-1116, 2015; https://popart.maths.otago.
ac.nz/
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K1 TSAT—EINEILFTLY I RPRIZEITHHEEE
Mix # fEiE4 ol TR
(UM)
21 mirud 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 Mtubo4 FAM-GTCCAGGTTGCAAGAGATGG GGCATCCTCAACAACGGTAG 0.05
3 Mtub21 VIC-AGATCCCAGTTGTCGTCGTC CAACATCGCCTGGTTCTGTA 0.025
3 22 Mtub30 NED-AGTCACCTTTCCTACCACTCGTAAC ATTAGTAGGGCACTAGCACCTCAAG  0.025
19 Mtub39 PET-AATCACGGTAACTTGGGTTGTTT GATGCATGTTCGACCCGTAG 0.1
5 QUBILlb FAM-CCGATCTAGCCCGTGAAGA AGGGTCTGATTGGCTACTCA 0.2
11 QUB26 VIC-GAGCCAAATCAGGTCCGG GAGGTATCAACGGGCTTGT 0.2
‘ 12 QUB4156  NED-TGGTCGCTACGCATCGTGTCGGCCCGT TACCACCCGGGCAGTTTAC 0.1
4  Mtub24 PET-CACTAGCTGCGTCACTGG GCTGATTCCCGACGAAAG 0.05
14 QUBlla FAM-CGTGATGTTGATCGGGATGT ACCCTGGAGTCTGGCATC 0.1
8 QUBI5 VIC-TACATTCGCGGCCAAAGG AGGGGTTCTCGGTCACCC 0.025
° 13 QuUBI18 NED-ATCGTCAGCTGCGGAATAGT AATACCGGGGATATCGGTTC 0.2
16 QUB3232  PET-CAGACCCGGCGTCATCAAC CCAAGGGCGGCATTGTGTT 0.1
10 QUB3336  FAM-ATCCCCGCGGTACCCATC GCCAGCGGTGTCGACTATCC 02
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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& 2 NTR 247 R O NGS 24T TR o =Rkt - REIMIE - K FEFHRITOKBER

VNTR NGS

Complex VNTR %! HEEBAR R 2« AMR SNV %

BT VNTR #! HEERME  HRHE Lineage  AMR SNVs SNPZ!  Cluster
Mt-14c14

Mt-18006 Mt-18v06 FEAL R 4.9 - base®™ Mt-18s06 -

Mt-19015 Mt-14v14 FEAb R 4.9 - 44 Mt-19s15 -
Mt-15c06

Mt-17007 Mt-15v06 FEdb 45 INH, ETH base Mt-17s07 -

Mt-19020 Mt-15v06 FEdb 45 INH, ETH 7 Mt-19s20 -
Mt-18c14

Mt-18014 Mt-18v14 FEAb R 433 INH base Mt-18s14 -

Mt-18031 Mt-18v14 FEAL R 433 INH 255 Mt-18s31 -
Mt-19c28

Mt-19028 Mt-19v28 Blygit] 221 - base Mt-19s28 Mt-19g28

Mt-19039 Mt-19v28 Bl et 221 - 0 Mt-19s28 Mt-19928
Mt-21c33

Mt-21033 Mt-21v33 FEAL R 1.1.1 PZA base Mt-21s33 Mt-21g33

Mt-21043 Mt-21v43 FEAL R 1.1.1 PZA 0 Mt-21s33 Mt-21g33
Mt-19a31

Mt-19031 Mt-19v31 b7 Modern 221 SM base Mt-19s31 Mt-19g31

Mt-21035 Mt-21v35 A% Modemn 221 INH, SM 0 Mt-19s31 Mt-19g31

*: base; SNVs DFHUIT W TEYE L LZHkk
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Molecular epidemiological Analysis of Mycobacterium tuberculosis in Aomori Prefecture
by VNTR analysis and by genomic comparison

Yohei Takahashi, Takeshi Yamagami, Manami Musashi, Shihomi Osanai

Of the M. tuberculosis strains shipped to Aomori Prefecture Public Health and Environment Center from

fiscal year 2012 onwards,VNTR analyses were performed on 336 strains were reanalyzed for VNTR using multiplex
PCR and a capillary electrophoresis sequencer, and VNTR profiles of all 24 loci were obtained for 334/336 strains. A
comparative analysis was performed based on newly obtained VNTR patterns, and a comparative genomic analysis
was attempted with a next-generation sequencer for some strains that were thesame or closely related VNTR profiles.
The results of comparative genomic analysis were more precise thanthe VNTR analysis, such as instances wherein
VNTR types exactly matched but did not suggest direct transmission, and instances in which the SNV was 0 for
epidemiologically related strains but the VNTR only matched in 23 loci. This set of analyses suggests that a molecular
epidemiology analysis combining VNTR analysis and comparative genomic analysis can be a very useful
complementary tool to advance diligent epidemiological investigations.

Key words: M. tuberculosis, VNTR, NGS, TGS-TB, SNVs
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HRRERERE Y ¥ —Ff 335 (2022)

ERETE D OB SN BEUEBGERXEREORERYT —1 5 2 ADHRE

L2 o O Va5

RE %

REAASAR

BN 11 OE SN OUE L=V vex T BE (2021 4E08ER) . ©7 U A EE (2016 4£~2021 45
HERR) . = =7 J@E (2019 4-~2021 F5fERR) R O=2 = U T RE (E. coli X OVE. albertii) (2020
AR NRE B O 2021 4F45BERR) D 4 JR O E B REIRE 2 5t g & LT, A bEekER, i ek,
PCR. HMIRZMRBRZ EM L7, ZOREE, BEOMIEN « FURBE R OERC, miFN - HUREE
FRIMIZ BT 2 RESCHRAWRFER T OEV, —EHOMEIRZ R S WFRR R0, WEMEICEE A 2T

5 LEZDNDORDIFEFEDORENARD B, S HIT,

ET Y FRBEE AT BEICOWTIER., &

HHIEIZ 1) D B B S N D AR, MiFRY « PURBR FRLOE D RO OF IR E O1E

bHALNERST,

Key words : Salmonella, Vibrio, Yersinia, Escherichia, surveillance

1. [FLC&®IC

HARRBRBE R B o & — Tl R R R YYIE O
R R & PRI & BRI, RN 11 7E SRS (2022
FEDRIE A I 10 B ISR DIk H G2 A
(rrEx7)EE  Salmonella spp., 7> Em/N
7 % —J& K Campylobacter spp.. B 7 U A4 J&E
Vibrio spp. X O*=/L > =7 J&E Yersinia spp.) Dk
HURIL A IR U AR R R AE i i & L C
BT FLHOARLTVDLY, Z05b &
NWERTRENROE T Y FRE IOV T, E Ak
BNH oM EZ b L ICHEKE D O TIEE L M
WFEHT 2 FhE L T D,

INET, YAEXTBEICOW T, IEREK
D IMFH e ONFEANESZ M2 1 AL TR £ &0
WELTE 3, —FH, E7 UARBEICOWTIL,
2000 AR E THRIHEBDO KESZ2 G TWeihR e
7'V 4 (V. parahaemolyticus) & A KigIZ
L. ENLSD 7 ) A8 B O HEI G 2SRRI IS
ERALEZENDL, ZNETHEE T U SR L
TWRBRIEE 2 LB L, 2020 20 5 13872 7231
HTRBRZFEM L TW\Wo, £, =V =7 BEIC

DN TUL FERBAY R W RRIEE 21T > TV 7RI 7203,

2017 0 HEBRAGICINEE A2 BHE L, INEERE Ok

1 B e IR R R BR B EL
2 R 3 AR TR

N KR O TP ARBR OB FE 28 T 2019 4E0 B XAk
L TR 2D T D, S 512, 2018 4F 4 H
NI, 11 EAHEEO S B 1N O 25T,
iR R T & PR3 % KIGE  (Escherichia coli) @
HRRZIE L, MR 2 L T\ b 39, Zih
£ TOMRMT OFE R I U 72 kR O H 2 37 B E
JFIRE & LTEHBND L HIT7 -7 9 E. albertii 28
—EHEENTND Z L0 F—PURE R -8 % FF
DOHKROEREPRD LN D Z EFEOHMANE LN
7o 2 LB ke L CUNEE K UMb 4 20 L TV 5,
Alal, PLEXRTRE, BT VA RE, =Ly =
TRERELONZ Y =) 7 EE (E coli X E.
albertii) @ 4 J& OEGMEE IBRERE 2355 & LT,
AALZFAORER, MIEFRI R, PCR, A MERR
BaEilL, —EOMAES-OTHRET S,

2. BAEFE
2.1 HYILEXRSEH
(1) ##

2021 1 A FRFE 12 A O 1EORIC, 11 T8
FEBI D OS2 b & ICIE L EEE v
77
(2) HE{LZHRER

- 5 Bl RS b R OVRf R % 1t (SRATFA B 2% 31 A 7k B
IR) 2 T EEICHE W A N OV A FERR L 7=,
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HARRBEEREE X —FH 5 335 (2022)
VBTG UC, FES v b api20E Xid ID32E (W
THHEAAY 2—) ZHW,

(3) miFRYAIFER

BER DL FERIC, s ilig (7o) ZHWTE
EIZPEDIITE R 2 #esd LT,

(4) PCR

BESR 20 L [RIRE D 51T fIjB Ok M N FEHE E
EEETHELE LI, F—ORISFREDO T, BE#H
DT T A ~—% - multiplex PCR I X v, #
OB 5T 2 hin OB R T T A 2 FHER
B+ Td % spvRBC DIRA IR ZFH 7=, PCR
#3313 EmeraldAmp MAX PCR Master Mix (% 4 7
RNAF) AV, BSNT-HEEEDIL 3% T H o —
ATV CERIKE LT,

(5) EHFIRZMHRER

BEAH 2L RERIC, KB 7 1 A7 (RHET) & H
W, TR ¢ A7 JEEIEIZ XV 4T - 7=, McFarland
REOSICHM L-EikE I =7 —b v hUINFER
Bri (BD) I[28Ai L. 7 1 AV FliE#%, 35°C, 4F
LHIME T C 16~18 RSB HIE Lz, 3K
FL, B-7 7 & L%¥EH) 11 % (ABPC, PIPC, CEZ,
CTM, CTX, CAZ, CFPM, CMZ, IPM, MEPM, AZT)
F OISO HAI 13 (FOM, GM, KM, AMK, TC,
DOXY, MINO, NA, CPFX, LVFX, ST, CP, CL) Dz
24 K & LT,

2.2 EJUAEE
(1) ##

2016 4F 1 H /5 2021 4F 12 H @ 6 /i, 11
EREBEOMHMEEZ b S ICIUE LZERKRE A0
77
(2) HiEZHER

KRRy B R H b5 3% B AKEEEK) | NaCl (0%,

3%, 8%} * 10%) M-~<7" k> (BD) KU\ api20E

(BEFAY 2—) I2X0 | BIEICEWVERL MR L
7
() MmiFFHIERER

PHFEAS V. cholerae & ARl S U7z EBRICKT LTl
a LI EGELTE AN (Fh) 2.V
parahaemolyticus & fi7d S AUTC BERR ISR L CTIXIG %
v ARG R e fiE TARE) (7> ) 2 v,
TEEAE > TG & MR L 7=,
(4) PCR

BER 019%8E(C PCR D b M AHER L, V.
cholerae & fEd8 S ALTZ BRI AT L Tl BEiR 419
DT T4 ~—%H= PCRIZL Y HfiE =T O
a8 X ORI B s F- DR R % . V. parahaemolyticus
EHER S NT-ERICR LT, BBl Yo r o4 <

—Z AW TEREIRF ORA R Z MY L7, PCR
AKX EmeraldAmp MAX PCR Master Mix (% 775
NAA) RV, ORI EEEEDIL 3% T Ha—
A7V CRESIKE) LTz, ROSSIFE BEM 94C 5
D%, 94CTI0 R, 7=—V 7% 55 CXix
60 °CT30F), 72CT 1D L% 25 YA 77 /L
DIRL, REMERGE T2CTT e Lz, 55
- HEIRFEM 1L 2% T H e — A L CESKE LT,
(5) FEHIRZMHHR

PVER T BB & RIS E N L, AN,
V.cholerae A O BEFEIZ % L Tl 1240 (ABPC, CTX,
CAZ, CFPM, CFX, IPM, MEPM, GM, AMK, TC,
CPFX, ST). V. cholerae {Zx%F L Ci% CP &z 7= 13
HlE Lz,
2.3 TILV=TREHE
(1) ##

2019 4 1 A5 2021 4 12 A D 3FEDRHIZ, 11

TE R D ORI E &2 b & ICIE L2 Hk &
Fu Tz,
(2) HZrIrERR

BRERE R M 2 3 Do s e, U X—8 - L
FF—BKIE, B-Iav g —E - p-H77 b
Z— BB L0 R OV EI R LT
1819 fEC, KR (22 °C) KROVER (37 °C) £
BT 2 EBPE K OV O S D fERE 2 FE i
L/f: 18'19)0
(3) miFFAIFER

i AKK2S Yersinia enterocolitica & [FE S L7254
TNV =T T ralFh 0 BERIHAE NG

ERE) (T o) &RV, BB TER %
R LT,
(4) PCR

BER D7 T A ~—192% [\ T, PCR 1T L%
Fii « HUFGEAR TR O RERR K QYRR B T DR 21T
ST, D95, yadAD, VirFD), ystA?) o f H I
multiplex PCR 224 Z8 L T L7z, PCR 33X
EmeraldAmp MAX PCR Master Mix (% 1 /34 4)
N, BUSSRIEZ, BEME 94°C 5 Dk, 94C
T30F, 7=—VU 7 %58 °CCT30R, 72CT1
DOLTHEZ 25 9 A 7 V0 IR L, &R Z
72CTT7 & Lz, O HEEEYIE 2~3%7 4
0 — A7)V CERUKE LT,
(5) FEXIREZMHHER

A7) —=v 7 %HNE L YV AVERT B E[H
KEDIFIECTHENME U=, 7272 L. BEEERRIE 24 FFRY
L7z, REANL, YLrEXRTBEEF— DG
24 FHN L LT,
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FRILREER M o & — 1R 55 33 5 (2022)
24 T )XTREHE (Ecoli,
(1) #34

MRAME T PCR IC XV HREBELBEFERAT D
Escherichia spp. & ¥ & & 4L 72 71 Fg Hidek H 3k O B ik
DOL, M —ITMASNTRE W, x5
HIFENZ. 2020 4 1 AERTCHRON S 7Bk M O 2021 47
LTAEMICHRI SN EE & U LD SR LTz,
(2) HiLZFHyaER

AR5y BIERS M K OVERR RS M R E 7 33 B K3
) TR0 BRIV EE 2 MR LT,
(3) PCR

PCRIZ., 7 /v UEMIHIEIC & v sl L 72 DNA
EEFRE L. BERO T T A ~—230 & Hu 7o R
B 7O, E. albertii @*IJ}%'IJ PURER D
file#B % #hi L7-, PCR#3KIZI%, TaKaRa EXTaq O
1Z7>, EmeraldAmp MAX PCR Master Mix, TaKaRa
Z-Taq, MightyAmp DNA Polymerase Ver.2 |
PrimeSTAR GXL DNA Polymerase (\\ 9416 % 15
/A 4) KOD -Multi & Epi- (B7E%5) i AmpliTaq
GoldDNA Polymerase (Thermo Fisher Scientific) %
o, ETEC &3 FH S AU BERK XIS stx/2 23 &
AVTZEBRIZ DWW T BER O J71E 39 L B E
faF DORIFZFTV, EPEC IO\ T id bfpAR DA
Kz Lic, BoNH\iEEDIT, Wb

3%NT Hr—AF IV IFABEF v BT U —ERIK
#2EE QlAxcel DNA Screening Kit (QIAGEN #t)

THEKIKE LT,
(4) ZEF|IRZMHHER

PAERTEEE RO FIETIT-72, Fi2,

WHNEZ NN H — v AmpC p-T 7 X ~—E D
BELE BB DT AR I DUV T, B SLRYYEMF ST C
RLTWD L ¥®pen, EAIZHWET 0 A
TIHIEC L DA YV —= T KON PCRIZ L HER
A IEAIM B DB EAT o1z, o, —HOT
kN Z Y%A 27U RIEH] (TC, DOXY, MINO) fittA%
WZxt LTI, PCR¥IC L 27 b7 %A 7 U L MithhiE
et ZME L=, R3RIZ1E EmeraldAmp MAX PCR
Master Mix (% 517 /54 A) ZHW, BUSGERAT
BEME 94°C 5 4y Dtk 4CTI0 R, T=—U
J%#B5°CT30H, 2CTLHOITEE 259147
VDR L, BRRRGE T2CTT 0L L,
55 1T BEEPEL 2% T H 1 — A 7L CREAIKE)
L7z,

E. albertir)

3. BREER
3.1 HILERSEHE
2021 - D J5 [ A i 4B 3 T U 52 451 O A A3

B, ZOILANKRENET D LN TE, IX
LLTHDO Y B F—BE»—EHMICH#E
el B S A7 [F—BE 5 BR A BRU N2 36 BROFERS
RiIER1oLBY ThHoT,

&1 2021 FIZHBESN-HILERTBEKRD

MR & OVt ZE &

NG pivE i P4 S i
Anatum - 1
Bareilly 1
Brandenburg - 2
ABPC, PIPC, TC, DOXY, ST, CP 1

Infantis - 3
TC, NA 1

Litchfield - 1
Manhattan TC 2
Newport - 1
Reading 1
Saintpaul 1
Schwarzengrund - 1
KM, ST 1

Singapore - 1
Thompson 1
Typhimurium - 1
ABPC, PIPC, TC, CP 1

O4:i:- ABPC 1
ABPC, KM, TC, MINO, DOXY 3

ABPC, PIPC 1

ABPC, PIPC, TC, MINO, DOXY 3

ABPC, TC, MINO, DOXY 3

O4:NM:NM - 1
016:a:UT - 1
OUT:l,v:1,2 TC, DOXY, NA, ST 1
OUT:UT:UT" - 1
36

NM: no motile.
- AT OB RE Utk X3 i
*: S. enterica subsp. diarizonae

MIEHR T O4ii-2% 11 BRE b £ <, KNT,
Infantis 2% 4 ¥k, Brandenburg 7% 3 £ & v iz, Z D
IE7>, S. enterica subsp. diarizonae & [F]E S iL7= RN
1 Bk, S. enterica subsp. enterica & [F & S H DD
FUIBIARBE DR 3 KA O H AL, 2D 9 H 1 FRITES)
PEREMEDR T > 72,

PCR TlX. #HHHE ® 9 H Manhattan Tl fljB 2358
& =419, Brandenburg, Reading., Schwarzengrund
TIE hin BEEE SN2 o 72, WS B E o i
B LT IA—BINCI A~y TFRH LT
H EHER S B IE H HURDZARMEIZ R L hin
X, W77 A4 ~—OBEFIB AR O4ii-D i A %
HJE LTREFESNTWAZ EICHKXTHHD &
EzHiD, —JF, spvRBC IZ Typhimurium @ 77>
SRR S AL, O4i-Tlkig &g -7z,

SAEZ MEABR OSSR Tl 041X 11 R AT
1AL EOFANCIEEZ R L, 2D 55 6 #KIL5 Al
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HARRBEEREE X —FH 5 335 (2022)
Wit %7~ L7z, F£7-. Brandenburg @ 5 & 1 #k28
6 ANCMHEZ R LTz, 7288, 4 RIOFH A E1E T,
% 3MARLL Lot 7 = 2R FEA| (CTX, CAZ, CFPM) |
77w RIS (CMZ) . LR~k BRI
Al (IPM, MEPM) XIXE / /N7 & LR3A] (AZT)
W ME 2 R RR TR S e o 7,

3.2 EJUFREE

2016 A5 2021 4FOFF F AR IS 8] CIE,
5+ 18 1 (2016 4F 7 f51], 2017 4 3 {51, 2018 4F 4 i,
2019 4% 2 f5il, 2020 4% 2 f5il, 2021 4% 0 f5i) DG
B, Zo5H 16Kk (2016 4= 5 #k, 2017 4F 3 £k,
2018 4 4 Bk, 2019 4 2 ¥k, 2020 4 2 . 2021 4% 0
) #IETDHENTERZ, 20955, 2016 4
WCINE L7 1 BiEicE, ERo R % V.
parahaemolyticus 78 2 fRE ENTW el K2 %
SYBEL . E 17 BRESRA ISV, BB ISR 2
DEBY ThoT,

&2 2016 A5 2021 FEOMEICURELI-ETI A
BEHOEE. MEE. REBEGETFRUMEEHS

SBEE  mER  RERETF i P
V. alginolyticus (3)
2017 (nt) (nt) ABPC
2018 (nt) (nt) ABPC
2019 (nt) (nt) ABPC
V. cholerae (4)
2016 OUT" ompU, toxR, hlyAer
2018 OUT" toxR, hlyAer ST
2019 OuUT" toxR, hlyAer -
2020 OuUT" toxR, hlyAer
V. fluvialis (2)
2016 (nt) (nt) ABPC
2017 (nt) (nt) ABPC
V. parahaemolyticus (8)
2016 O1:K56  tlh, tdh, trh -
2016 0O3:K6 tlh, tdh ABPC
2016 O4:KUT  tlh, tdh ABPC
2016 0O4:K10  tlh -
2017 OL:KUT tlh -
2018 03:K20 tlh ABPC
2018 O03:K6 tlh, tdh ABPC
2020 O1:K58  tlh, trh ABPC

(nt): not tested.
*: non-01, non-0139

V. cholerae 1% 4 4T non-0O1, non-0139 T&H V) |
a7 ERBELET oA bR SN oz, RER
B2 320 L 7= V. cholerae 0¥ i s T DR R Tl
4FRAETH S toxR LU= /L b —/LB D hiyA (hlyAer
L) MRS, LS ompU bR E L
776

V. parahaemolyticus (23T, th X 8 kT 6
B Shic—Fh, FERBRERF TS tdh LY
trh ORHRIUZE B 35 & tdh O A3 &7z
FRDY 3BK. trh O B3 f Y S AU7-#R2S 1 #K, tdh & trh
DM SR 1R, tdh & trh OWTh
H RO 3K TH o7z, ZOF T, tdh DA
DRI E 72 3D 9 B 2 HRofiFfili%, 1990 4
K225 2000 FARICEFRFORIK & U TEE S
7= 03:K6 ThoTz, 72F. 2018 ForBERIZRB W
T, MIERA O B KBOMAGbEE LTIEE
WD 03:K20 & 72> T KBB O bivfe s, £ DR
IERHTH 5,

AN MERBR T, V. alginolyticus, V. fluvialis
DAFE K OV V. parahaemolyticus @ 5 #£74% ABPC 12,
V. cholerae @ 1 #£2% ST (21t 27~ L7z,

ZOED, NS TV A BEORER S, M
I [ 28 K QMR B OB g 12 3617 2 BRI
HL, ASN-ET Y A JEE O B ik & Bk
B EREONRE K 112, REHE OFRPEE & ik
- WREOWNRZK 2 (TR Uiz, H SRR T,
U SR OEDN 6 i RbE<, 209 H 4
KR A3 V. parahaemolyticus CT& - 7=, W\TE o7z
DT =N\ D 4 KT, ZD5H 2 KB V.
alginolyticus T& -7z, V. alginolyticus 7>HEEH )5

CRTF - #1 - PadeHig) 7S ST nia
T FFETRERVITR NN, REE D
FEIRPEE TIE AR TE RS DN TV D 2 TO/KN
20 LA EOREEMNOSEESNTEBY . S BIT,
V. parahaemolyticus ® 1 ¥k & Fr& 8 A6 11 A 124
FLTHREENRTWD Z R TH- 12,

fEES / $RER
7
6
5 Eig
4 4 parahaemolyticus
3 ! fluvialis
1
2 2 1 1 cholerae
1 2
0 1 1 1 1 1 alginolyticus
HE @ =/ @ik Ede Tt
sy -

1 BEEMASOET Y FBEADHRAKEY
EEDMHAER
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fEIZR / 4728
5
4 ®iE
3 arahaemolyticus
1 3 P Y
2 2 fluvialis
1 1
1 e B 2 cholerae
1 1 1 1 1 1 1
0

alginolyticus
v G I O
S P P U

Fhip -

2 MASKEETUAREICETA2REED
FEERUVEEORNR
*(nd): no data

3.3 IIL=7RE

2019 £E7° 5 2021 £EIZ T | I5 SRR Mok S

%5 83 5] (2019 4 26 fil, 2020 4 26 3, 2021
E3LH) oL =TREOREHRENHY, 2
D HH, 2019 4E 21 k. 2020 4 25 £k, 2021 4E 28
BROF TARREUEST D Z LN TE T2, HFHEOHIR
BT - AR OYRIFE T T AR (pYV) R
BRONREEZFR 3 IR LZ, 2B, EREIZET
Y. enterocolitica T& v | IfLiEFHIRER & FiURELG
M (Og & #:0) OfESIT 18 (OUT/Og8., L4l
BIARRE) RN T—E LT\ e, AT, #id
LT 0Og TH—LTWD,

&3 2019 FH B 2021 FORFEICIELET LY =
TREOHREGTE - £9E, T5X I FREK

Y RIS ST
£ OgEwT  E pYV' R B
2019 0g:3/3 4 4
0Og:3/4 6 6 TCImE (1)
0g:5,27/2 1 1 STt
Og:8/- 1 0 ystB*
0Og:8/1A 1 0 ystB*
0Og:8/1B 6 4
0g:9/2 2 2
21 17
2020 0g:3/3 9 9
0Og:3/4 5 5 CPIift (1)
0Og:8/1B 11 5
25 19
2021 0g:3/3 7 6 ST (2)
0Og:3/4 10 10 TC Mk (4)
0Og:8/1B 10 6
0g:9/2 1 1
28 23
Mg 74 59

PURBE R - AR R ORBIBICER TS &
2019 “E I IEHEEME Y. enterocolitica (= & 7 U 431
Bt ystB IRA) % & Lo kR e PUE R 23
STz —J7, 2020 4, 2021 FFEOHARKIL, £
D KERSY 7 09:3/3, 0g:3/4, 0g:8/1B » 3 FE TH
72, £72. Y. enterocolitica IZKIR#E+ 52 L T
HEWEZ RS 2 N LN TV D, A RIOFRE T
1%, FFIZ 0g:3 DIFIFETORRT 22 °C & TiE
BrENsEETH -7, —F., 0g:8 Tl 22 °C H54&
2 L DEEBMEIIETH 0 | BURE R TR L DK
IREERFOEIMEIEWVNRD bz, Z O ENIE
WTNOETHFERTH -T2,

WRIEME T 2K (pYV) ORERRBLUIZOWT,
7'F A3 FMIRIFEIG A TH 5 yadA K OV virF D%
AR N 37 °C 1217 D MR-VP 7' 10 A DRG#
THEUDIHOCEERISEEEICHRTZEZ A,
0g:8/1B W’\LOD#J?UE%MT LKA pYV %
BEE LTV DIk L, 0g:8/1B TlikBi ol i T
PYV Z{RE L TWRWEER STz, 2D &
5 PURELEFAIC LY 7T A I ROBEHEEIC Y
HEWD B D ATREMEDS R S U7,

FEANESE PR I, ARt R ) 2 79~ ABPC,
CEZ, CMZ {2/ %, TC, ST Xi% CP iZxf L Cifit
ERTRPOTIOETHERD biviz, FFlT 2021
FEMRARETIE, 0g:3/4 @ 10 ¥k, TC (ZiiED >
MINO, DOXY (22 /R 4608 4 i &, 2
DL 2 BRIZHOWT PCRICEDT o A2
VIR FERBE LIZE 2 A, et(C) Mt En
776

Y. enterocolitica (Z >\ T, B 7 U A JBE & [RIEE,
SBES VTR DU R TH - AEpR & | s E
K MR ORI 2 BT 2 BB MICER Lz,
i AN Z 472 Y. enterocolitica ¢ F SR Hieg & RS -
FEDOWNFRZ X 312, PREEE OF-HnlsE & FREL -
FEDOWNRZ X 4 |2 LTe, HEBRNIC A D & HH
3 K OVPR R sk SR DO RRAY & 612 30 Bk & e b 20
ST, 20 2 Ml Hk OO HUREE FRICE R T
% & B HIR Sk Ok Tl 0g:8/1B 23 %05 72D
WZxt L, W g sk o8k CiE 09:3/3 KUY Og:3/4
75>§b\: ENGMY 02 DS Ak E TS
RIZD 7o Tz, (REE OFEFEE TIX. 19 MU
TAZEH L TEL AR B T3 2 Y E ik
DOERE & U CTHEBENSLE2IHRE Td 5 nl e
DHEEL SN, 20 UL EOMEICH kT D ERIE
KPEE L b 1~3 ¥k Do 7o—J T, 0g8 I
0g:3 (TR JAWFEREE 5 RS TR D |
0g:8 1X. Og:3 EDfh DOHUF B FAUZ L~ J5 i
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PEDBURN S LD EEPLELRHUTER T TH
% ATREME DS RIR S AT,

{8l / #REs
35

30 e — FREETE-EmE -

25 = m0g:9/2
1
15 0g:8/18
20
0g:8/1A
14
15 } Og:8/-
10 6 0g:5,27/2
Og:3/4
5 e
4
6 B B .
. : i 5 0g:3/3

A A =N ki TiE
izt -

X3 KBNS D V. enterocolitica DIFGAEK
RUMBEEGTFE - £MEDORAR

Bl [ R
40
35
| WRB{n 7R - AR -
30 ‘
" m 0g:9/2
25 - 0g:8/1B
1
20 10 0g:8/1A
15 A1 1 0g:8/-
10 7 0g:5,27/2
S . ? 0g:3/4
0 ..l 0g:3/3

9D DD D H SO D
& PP FL LT
S S S

FiE -

4 WA St Y enterocolitical=& |+ BRE
ZEOERBEEBRRUNEEGFE - EMEORR

3.1 Tz UXTF7RE (E coli, E albertii)

I JF B R A5 E. coli (I5% H i K5 i
ELTHRA SNCEKRAZBR<) XU E. albertii &4
& LT, 2020 4T 76 k. 2021 F:1T 40 BRDEF 116
MEINET S Z ENTE 7, 2020 M AEORER

TR R 412, 2021 Sy HER OB R &2 % 512
T~ LTz,

(1) ETEC (enterotoxigenic £ col//; BBEEZER
HXEE)

RIFEE & LT ST Ba1 T LT 85725
A L TU = E. coli 1%, 2020 4F 7 #k. 2021 4% 0 k&
TH V., 2020 D 7TERIZ, WL H 2020 4E 3 A F

WZHRA STk TdH - 72, ETEC ITRITH FHIE
DOFRRNEE LTHHI TN D 393, 2020 LUK,

Bl o a J A L A RRYYE OFRATIC X 5 HEMLH] R
DRRHVRIIC B A 5 2 T aTREE N B 2 B D,

2020 FEITHA SN2 THED H B LT Ein KO
ST BT ORARNONFIL, LT BI5 T DA 2
i, SThiBIE 7D &HD 2k, LT #fs1 & SThigis
FEMFER OB 2K THY . 2095 astA &
BEFORD 2 BREER S N7z, 72, STp Bl &%
A3 58T 1 Ekf&;otb\ ZOEMNHIEE [5
stx2e bR ST, 2 b R D EAR SR
nTung 97, STp uf:%%f%ﬁa“éﬁkf :i\ %
DOIRFEMEICEREEZ BT H B2 615,

AN MERBR OFE LTI, 7 BT 58T 14124
L oIERNCmEEZ R L, BER %9 & Rk, ETEC

TIEIEANMHERE DEIG 23 @ ME R & 7e o 72,

(2) EPEC (enteropathogenic £ col//, BBEREE
KZE)

JRIFGE AT & LT eae 1A L CU 7= E. coli 1%,
2020 4F 47 £E, 2021 4E 31 ¥k Tdh o 7=, 2020 4Efil A
PRC, AR Tl eae (RAKE L TIRA S L2 B
DD, Yt H—TORERTIX eae & & Lo LEIR
TR SN Do TR LERRRD B, Z ORI
EPEC M HERAA LT D

BEA 39 L [FRRIC %ﬁé: b 2R PR BT
DR S T=, 2D 55, 2020 4121 Ogl45:Hg28
DO S, 2D 9B 4 KA 1 FILL Lo 3HAIC
M2 7~ Lz, IRW T o 72 D% 0gl09:Hg21 &
6RET, 2D H 1ERIT cdt &, 18K astA KO cdt
A LT, —J7. 2020 45C bfpA 2 {#A L C
UNERRIE, Ogl15:Hg25 D 1 #ED BT - 7=,

2021 AIZiE, 2020 4= &AL < Ogl09:Hg21 7% 3
MHER S, Z DR TH cdt A LTz, £72.
0g128:Hg2 X T*OgUT:Hg6 & [Fl U < 3Rk 2B 5
. 2D 55 0g128:Hg2 1% 3 k4 TH 5 astA 23
HaEini, —F., 2020 ik b &< b En
0g145:Hg28 1%.2021 4Tl L R D I T - 7=, bfpA
D3RR S AT BRI 2020 AR [AER L RRO AT, BURE
&% 0g156:Hgl/12 Th - 7=, 728, 2021 44y
BIERR CId, M SRA A B 3L - TR WK TR S vz
nolz,

(3) EAggEC (enteroaggregative £ col/,
EMEEXEBE)

IR T & LT aggR #1_A L TV 7= E. coli I,
2020 4= 17 kK, 2021 - 4 BETH U | aggR LA DI
B SR I3 o 72, 2020 4F Tl
178D 5 B 16 RO HUFE S F 87 0g92:Hg33 T H
0. 2021 FES3BERE T H 4 BRH 2 #6208 0g92:Hg33 ©
bolc, THETOHRE Y2 5D 0g92:Hg33 I

f i
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EAQgEC T L i s o HiREn R TH Y | =
LD OBIEPE I BE AN 2 D,

F7o. 2021 FoEERRD O B AN —
Y AmpC B-T 7 X~ —TBOREANRIBE SN D
RS 1 BRFR O B IV 72 8 | MRS O il ikl 2 52
i L7z, EORER, KIMMNSIX AmpC -7 7 ¥
~—BOEAICEID LD LHEEI N, PCR T
IXTEM LD class A B-T 7 ¥ ~—EDOHP KX
. 77 A K AMpC B-7 7 ¥ ~—EiIH &

Nz ho Tz,
(4) E albertii

BE#R 229> PCRIZ & ¥ E. albertii & [F7E S 7=
FRIZ, 2020 A ARE T 76 £E 0 4 £, 2021 4E 45 EfE
RCIZ 40Kk 5k CTH o 72, AIESNTZ 9ET
T eae KON cdt 23R &AL, stx2f 23R S U7 BRI
Tphodo, Fio, BEEEEANT S Ui & 7 L7z Ak
HLABO BRI ST,

4 2020 EIWAShI= Fscherichia BEDSE. HEAGTE. REEETRUTEES

S B REETE FREETF mHEES KHmHERET  F
ETEC (7) Og6:Hg16 LT,STh ABPC,PIPC,CEZ 1
LT,STh, astA NA - 1

Og15:Hg18 STh TC, ST tet(A) 1

0g88:Hg38 LT, astA - 1

0g128:Hg45 STh ABPC, PIPC - 1

Og141:HgUT LT - 1

OgUT:Hg21 STp, stx2e ABPC, PIPC, TC, DOXY, ST  tet(A) 1

EPEC (47) Og8:Hgl4 - 1
0g15:Hg2 - 1

Og15:Hg21 cdt - 1

0g21:Hg21 NA - 1

0g26:Hg11 TC, DOXY, CP tet(A), tet(M) 1

0g33:Hgb6 - 1

0g49:Hg10 astA ABPC, PIPC, TC, DOXY, ST  tet(A) 1

TC, MINO, DOXY tet(B) 1

0g49:Hg46 NA - 1

0g51:Hg49 - 1

Og55:Hg7 - 2

Og71:Hg40 - 1

0Og76:Hg7 ABPC, PIPC, TC, DOXY (nt) 1

0g88:Hg25 TC tet(A) 1

0g103:Hg2 - 1

0g109:Hg21 astA (1), cdt (2) - 6

Og111:Hg8 - 1

Og115:Hg25 bfpA - 1

0Og131:Hg21 ABPC, PIPC, KM - 1

Og131:Hg6 - 1

0g145:Hg28 - 5

ABPC, PIPC, ST - 1

GM, KM, TC, DOXY, ST, CP  tet(A) 1

TC, ST, CP tet(A) 2

0g145:Hg34 - 1

0Og173:Hg6 - 1

OgGP1:Hg6 - 1

OgGP5:Hg32  cdt GM, ST - 1

OgUT:Hg1/12 - 1

OgUT:Hg6 - 2

OgUT:Hg14 - 1

OgUT:Hg16 CP - 1

OgUT:Hg30 - 3

EAQQEC (17)  0g92:Hg33 - 15
ABPC, PIPC - 1

0g99:Hg10 ABPC, NA - 1

E. coli (1) OgGP10:Hg4 NA - 1
E. albertii (4)  (nt) eae, cdt - 4
6

(nt): not tested.

“ EPEC 23T % eae L (X EAQQEC 3MEA % aggR 1Z70# L Ty,
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x5 2021 FITHBE STz EscherichiaBRE DD, MFEEFE., REEGEFRUMERS

B B HRRETFR

FRERRET  TEFEA

AR ET

EPEC (31) 0Og10:Hg2
0g21:Hg39
0g33:Hg6
0g51:Hg49
0Og55:Hg6
0g56:Hg6 astA
0g58:Hg51
0g71:Hg6
0g88:Hg25
0g88:Hg45
0g108:Hg21
0g109:Hg21 cdt
0Og115:Hg10
0g125:Hg49
0g128:Hg2 astA
0g145:Hg28
0Og156:Hg1/12
0g156:Hg8
0g167:Hg9
0Og167:HguUT
Og170:Hg49
OgGP9:Hg18  astA
OgUT:Hg6
OgUT:Hg30
OgUT:Hg49
0Og86:Hg27
0g92:Hg33
Ogl176:Hg34
E. albertii (5)  (nt)

bfpA, astA

EAQQEC (4)

eae, cdt

TC tet(A)

TC, MINO, DOXY (nt)

TC tet(A)

ABPC, CEZ

ABPC, TC, DOXY, NA  (nt)

TEM %, (AmpC)

ClURPRNRPRPRPWORRPRRPRPRPREPRPORRPORRPRREPRREPRERRERRR

(nt): not tested.

=i
[52>3
=il
B
N

* EPEC 23F 1 % eae KN EAQQEC M5 aggR 1ZF0#H L T2y,

4. F&&H

PLEXRTRE, 7V ARHE, =V =T EHR
ROy UXTRERED 4 JBORNEE Bk A
EIZDOWT, B roBr, MR, PCR
5 S OVBRAI s MR & 550t L 7=, & DA R, e
D IMIER - HUE BRI OERC, miEH - HuRE
(R O KRBV A W B AR DiED — KD
PR 2 7R Z 72 VR 7o R0 R RME ISR 2 BT 5
EEZLNDROGFEZEDORENED L, 51T,
7 U A REE RV =T BEICOW T, R
MU F5 1T 2 Sy BEECO A Bl S AU D AR, B - Bt
JFB R OE O IR FARIRA F O EBEE DE
B LN E RS T, A% b IRRIEO PR Z T L.
NEREEOE 2B LS TN 2 —_ 1 T
A BB L TS LR H B,

#H O
P ARIER (A ST 72 T RIS P g B
HARMEMSERRE 2 — FhiTRIEEE. 94
AT 22 1 o # — ShRTiSLpRbE (2022 4 3
H 31 AT . N iER SRR R > 2 —,

JNFTHNIT RIRRBE, D23 5 VE AL HREGE G223 5 R
BIRbE. A TSR RERE, —EEHEA TR
Bt v Z— T DR IREE . A SR HFERE O R A
BOHAIZIELS BLH L EFET,

X M
1) https://www.pref.aomori.lg.jp/soshiki/kankyo/kankyo
senta/byougenbiseibutu_top.html
2) AT FHRRANTE Mo ptshi
PER T JBEOMIFR & A M (2020 48) .
TR BR R o 7 — 4R, 32, 101-103, 2021
3) EGBLEFITA : PRk TE M DS T
TR RS B 55 O PEAR AT (2018 4 4 H ~12 H).
BRI B R E o & —4EH, 31, 33-39, 2020
4) ERGTEED PRI TR R DB ST
TIREIE RN B 55 OPEIRSREAT (2019 4 1 A ~12 /).
B AR BE R o & —4EH, 32, 97-101, 2021
5) #f Eot—1EA~ : Vero mRPEAKIBUL S D Hr
B YLE UK B Escherichia albertii (22T IASR,
37, 98-100, 2016
6) Lee, K. et al.: A novel multiplex PCR assay for
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Evaluation of pathogen surveillance of infectious gastroenteritis causative bacteria isolated
from humans in Aomori Prefecture

Yohei Takahashi, Takeshi Yamagami, Manami Musashi, Yukina Hashimoto

Biochemical tests, serological tests, PCR, and drug susceptivity tests were performed on 4 genera of infectionnnus
gastroenteritis causative bacteria, Salmonella spp(2021 isolates), Vibrio spp.(2016 to 2021 isolates), Yersinia spp(2019
to 2021 isolates), and Escherichia spp(E. coli and E. albertii) (2020 imported strains and 2021 isolates), which were
collected from 11 fixed institutions in the prefecture. The results showed characteristics such as the accumulation of
specific serotypes/genotypes, differences in phenotypes and virulence genes among serotypes/genotypes, the presence
of specific strains that do not show general properties, and strains for which attention should be paid to pathogenicity.
Moreover, for Vibrio spp.and Yersinia spp., difference in the number of isolates, bacterial species isolated and
serotypes/genotypes in detected areas, and differences in age groups of pathogen carriers were also revealed.

Key words: Salmonella, Vibrio, Yersinia, Escherichia, surveillance
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2017/18 —X>~2020/21 >—X I HE L-SHBBREBHIZE TS
/ B4 L ADEGFET

RS (N ¢

ZIVIIES - Gu— /i

2017 42 9 H~2021 4 8 H (2017/18 3 — A ~2020/21 > — X)) IZRAE LT-HERENICE T 28T
JBREF D H B, 2017/18 2 — A2 13 HH, 2018/19 2 — KX 16 FH], 2019/20 > — K> 19 HE4], 2020/21
=X 13 HHIOF 61 FHISLHE SN/ v A A (Norovirus, LLF TNoV] &5 9,.) DEsTiF
WaiTo72, ZTOME, b HBHENT-DNR G2 Q7 FHF) THY . KT G4 (24 Eh]) Tho
7o 2019/20 > — X LIBRIE, R Y AT —BHEEO b B0 TEFEIT 21T o728 2 A, G4 XG4
Sydney 2012[P16]& Gll.4 Sydney 2012[P31]% 2 ST/ HE S 7=,

Key words : Norovirus, Gl1.2, G11.4, Dual typing, Molecular epidemiology

1. [ZLC&®HIZ

NoV i, HULOANLZRE ) g LR BIZE
T 5% 7,500 HED T T 2 1 A RNA &4 LT
FOUANATHD, NoV ITEGETH L, 1~2 H
OERWIF O, W, W, NHiZ & LoiEk
ol & 29, MR ITEE C FERI 1A I
WL L PRI 2 23, ERUCEIE(LT A0 &
D EANRHIE N OIET L7 3LIR TIEsE S s
SINTWD YV, F7o, ERDBER LI-HE SR
OEFICHEH S du, BIERK 6 - AlZH72D NoV
BLEIOMBRHESEFLHD 2, 0D, FER
AL L THE XX T RERIICEENMLETH
Do

NoV DEEFR IOV TIX, Ettayebi © 3 128 - T
mENER, REEOICHSL SN TORW D,
BRSO R RIRICE £ 5 BB T O/
WCEDHDBAAL 2 THDH, NoV EET-i%, BA
IZ &> TKREL Gl D GX DiEfs - #F (Genogroup)
WS, e MUEET 2D TERE 2> T
LZDIFXGIEGNTHD, 7Yy REHROBSNC &L
> T, GLIZ 9 FEEE (GI1.1~9). GIl I% 26 FE¥H (GlI.1
~14, 16~27) O#EE 1A (Genotype) (ZHEZ b X
ns4%, &5, NoV ® ORF1 & ORF2 DY v >
7 a VHEBICBW CEE B NEZ D Z &
PHBAL TS D

Zelal, 2017/18 3 — R ~2020/21 3 — R THE

ELTEERRNICIIT 2 NoV 12 k24 E B2 F
Bl (RAMERE ETe,) ITOWT, BIs TR & FE
L. 2019/20 2 — X LIRRIZAR Y A T —BHEKO—
B & ey F IR AT 24T > To O THE T D,

2. MHEAE
2.1 BEMH

2017/18 v — X 13 Hfi], 2018/19 v — X 16
HH, 2019/20 v — X 19 FH, 202021 — R
13 FHHFIDOF 61 FHF OffR ((H, &L, fasx sl E i
D) MHME SN NoV BiEE2 vz, k. |+
BHiCThHrEHRT CTRELZFFCOV I BE
EAT 5 T BRI ) S BEMEMR IR D cDNA D4
BEGTHRITICAW AU T ch 2N\
TRAELEZEEFIZOWVTE. TRTHE B ¥ —ITH
TIRFEERH D . WA SNTREE VW,
2.2 BEAE
1) 24 JLZRRNA D - cDNA &Rk - NoV 5EIZFD
BH (1) 7ILE A L PCR)

[y AOBRIIEZOWT) (CFRk 156 4

11 A 5 AfFEZ2564 1105001 5) ICHEL TiTo
776
2) BTN

2018/19 > — R E T, AG O OFIEICHET
EA VLT o — I AEIZ LY NoV OB 7
R fEdk O IEEC S 2 PR E LTz, 2019/20 v — R LA
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Meld. 1) T 5472 cDNA Z I, i LAk H
~==7 /L7 |Z#E U 7= Dual typing 52 & 5 PCR %
TV, XA V7 b= ABICLY BTV R
FEIRITMZ A Y AT —EHERO— b & e AR
FlaE Lz (Gl : 540 5k, Gl : 527 H kL), &
U AZ—EHEkb EOEETROKRTIT OV T,
Chhabra & 9 BZERLTND LB, # 7Y REK
WICEBHBIDO®%IZ] TRY AT —BHEKIZL S
TRl ZR#ET s L Lz, Bon-fEiLEds %
NoroNet @ NoV #Efs /¥ — /L (Norovirus
Genotyping Tool Version 2.0) % FV Tl s 8554
1T-71=, F7=. Kimura 2-parameter model % FH >
7= bk (Maximum-likelihood (ML) %) TH#
ﬁé’wﬁﬁ}z L7z, SRfitst O FEPEDOFEAM I3 bootstrap

£ (SE[R1%1000) % FAV /-, FEHERKIE. Chhabra
ﬁ) 4 |ZFC#E S . Norovirus Genotyping Tool Version
20 CHEHA SN TV D EEEMH Lz,

3. #BR
3.1 HI—XVIZHRHESh-EEFE

2017/18 — A ~2020/21 L — R A LT

HHRFENICBIT D NoV (2 X HHEME GREG (R
MG 2 BT, ) IZDOW T, NoV O ZF# 1
I~ LTe,

2017/18 > — A 13 FHNZBW T, GLL 2 1
B GI2 287 FHF, GILA 2S5 FHH], GIL14 A3 1
F, GILLT A3 4 F ([Rl—FBIN OB EGELR T
Ot EETe,) MHt Sz, F4l 312\ T
T, NoVv 7ZiFcil, ¥R AR %ﬁaﬁtﬂéﬂ
Z DOBIETHRUL GILE TH - 7=, Fh 6 (2B VT,
2 FEE OB TR R S 4, %‘ér%ﬁ\%mméﬂ
7eDIE GILLT 7Zoledy, REEFEE» GRS
7~DIL G4 THh -1,

2018/19 v — X 16 HHilI
HH, GlL4 A 1 Hp,
B, GIL.3 A 3 i,
B, GIL17 73 1 =1,
776

2019/20 > — A 19 FHNZBNTIE, GL3 28 1
=L GIL2 28 7 FHHI. GIL3 23 3FHF], G4 A3 10
HHL GILLT 23 1 FHI R S v,

2020/21 > — X 13 FHNZR VT, GL2 1
HE, GL6 AN 3 FHB, GIL2 28 7 H4, GllA AN 3F
B, GIL6 23 2 FEfl, GILI7T A 1 HFIxsHmE S
7o R 2 1ITBWTIE, 2 FEO BRI &
. BIEE PSR ENTZDE G2 727228, i
RREE O MHESNTZDIZGN6 TH Y, £,

BWTIX, GIL3 231
GlLO A 1 HH], G223 6 F
GllL4 73 6 Ffi, GIL6 73 1 F
GIL.22 28 1 FHl B S

FHERREEE D NoV T S o7,

B, BFEEAPOBRE ST GILA I,
Sydney 2012 |Z/3FH S VT,

3.2 EHEEANNDBEELL—X2D NV DEF

2017/18 3 — X ~2020/21 > — R4 LT
HERENICBIT S NoV (2 & 2 EHEIGREE (&
IEG A ETe,) I2OWT, B TR L DOFEHIHK
R LI KV — A OEFEOEEZK 212/ L
776

BE# 8 |2°C,2016/17 3 — X213 GIL2 34T L.
WPEE DTV Z b2 LA, 2017/18
— AL RE IS BE 4 — XD
F1 61 Hp 27 FHHID DR S, EEFATRO 1
DThH-oT,

2014/15 3 — X2 ~2016/17 +— R 2T T
HIBRAME 2 b LTz GIL4 X, 2017/18 2 — X

IZHEIIMZER % &, 2019/20 3 — R & TH & 1Y
MU iZE 4 > — X DOFF 61 FHIH 24 FHI) DR
HEdL, G2 & & BICEEHRITHRD 1 2 &0z
73, 2020021 > — R ATRAICEE L TV B,

2014/15 3 — X ~2015/16 +— X ZTF T4
ERJIZHE T LTz GILLT 1, 2018/19 3+ — R L
B, 1 — Xz o0& LEFIF o Lo STy
720N,

3.3 RUAS—CHEEHO—ELEOEEFRENT

NoV ® ORF1 & ORF2 ® ¥ % 7 o 3 U HEIkIC
BOWCELE L NEZ D Z L TEY .,
J1 7 RS TR AR Y A7 —BEk b &
BT RD 5 TS, Cannon & 9 R
L 7z Dual typing iEI1%, IR ERE~ == 711D 1Z
BOTEHZ (KM 3), ¥k %—T% 2019/20
— R LI (RRGE S Heda C 5 HE L 7= 2018/19 > —
XD 3FEFLETe,) 1, JFAIE L TARIEICTHE
fiLCW\5, TORE, Gl 2B\ T, GIL2[P2].
GLB[PLL] 3k S hu, Gl IZFBWTIE, GIIL2[P16].

FC

GI3[P12] . Gll4 Sydney 2012[P16] . Gll.4
Sydney_2012[P31]. GII.6[P7]. GIIL17[PL7]#3HtH &
Nz (F1),

Ft 61 HHI S Szl a7 2 L oY AR
B & HWT, Gl O Gl ZhZEN D056 2 ERk
L7= (X4, K5), F—FHFINTHR—-BETHTH
ST b DX, X0 ZEOBEN SR Szl 1
DEFEFNREKRE Lz, B4R, (—X4)

— (R 1OFEHFS) _ (W7 FEIC L D#E s
TR L L7z, Rkt AR L7z & 2 A, 2019/20

=R DI & 7 GlL4 Sydney 2012[P16]
&, 6 FHIT TR —F LTz, —J7,
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fiE v — XM S 7z GlL4 Sydney_2012[P31]14.

HWHERIINRIR DB DRH Y |

=R T L OfEIA

RO T,

x1 EFEHFERAICBT2EABHERAES (BNREZSE) HhomHE Iz NoVDEEFE
(2017/18 & — X2 ~2020/21 > —X )
v—Zv | BB EERRT BETE 3
GI GII
1 |B&FT GII.4 Sydney_2012
2 |EH&W GII.4 Sydney_2012
3 |E+= GI. 1 GII.2 H29
4 |EFFHFE™ GII.4 Sydney_2012, GII. 17
5 |&E#HM GII.4 Sydney_2012
6 |BARI GII. 14, GII. 17
2017/18 1 |=ZEFRthA. N\FH GII.2. GII.4 Sydney_2012, GII.17
8 |E+= GI1.17
9 |[HHFW GII.2
10 |&F&T GII.2
11 |BhAIT GII.2
VAR E/N-T) GII.2
13 |&&HT GII.2
1 |)\Ft GII.2
2 |Bh@ET. \FT GII.2
3 |N\Fm GII.6 #30
4 |5hRI GII.3
5 |[BhET. \FT GII.4 Sydney_2012
6 |E+= GII.4 Sydney 2012
7 |E&H GII.4 Sydney_2012
2018/19 8 |[BhAIl GII.2
9 |HFA&T GII.4 Sydney_2012
10 (&> GII.4 Sydney_2012
11 |&F&HFT GII.3
12 |F&S GII.2[P16]
13 [B&F™ GII.2[P16] H31
14 |RFFIIE (B4) GII.2
15 |F&™ GI1.4 Sydney_2012[P31]
16 [BhAT. /\Fm GI.3. GI. 4, GI.9 GIT.3, GII. 17, GII.22
1 |&HT GI1.4 Sydney 2012[P16]
2 |EE&T GI1.4 Sydney_2012[P16]
3 |EFMINE GII.4 Sydney_2012[P16]
4 |BHT GII.4 Sydney 2012[P16]
5 |&E&FW GI1.4 Sydney_2012[P16]
6 [/\FmM GII.2[P16]
VAR EN:) GII.2, GIT.3[P12]. GII.4 Sydney_2012 Rl
8 |EFE&M GI1.4 Sydney_2012[P31]
9 [N\FmM GII.2[P16]
2019/20 10 |F&S GI1.3[P12]
11 [J\Fh GII.2[P16]
12 |8hBiI GII.4 Sydney_2012[P16]
13 (&2 GII.2[P16]
14 [BF™ GII.3[P12]
15 |&> GI1.4 Sydney 2012[P31]
16 |F&™ GI1.4 Sydney_2012[P31]
17 |[B&FT GI. 3 GI1.17[P17]
18 |[/\FTH GII.2[P16]
19 [\FTH GII.2[P16]
1 &> GI1.4 Sydney_2012[P31]
YAREN-) GII.2[P16]. GII. 6
3 |N\Fm GI.6[P11]
4 |EFEFINE GII.2[P16] R2
5 |EFIIE GI.6[P11] GII.2[P16]
6 |EFIIE GII.2[P16]
2020/21 7 |E&HFW. ANFW. BhET. AR GI.2[P2]. GI.6[P11] GI1.17[P17]
8 |HFA&M GII.2[P16]
9 |[FFHFM GII.6[P7]
10 [J\F™ GII.4 Sydney_2012[P31]
11 | &R GII.2[P16]
12 (8L GII.2[P16] R3
13 |/\Fm GII.4 Sydney_2012[P31]
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m7017/18 — 2 mZ2018/19, — 2 mz2019/205 — s 2020421 — 2

[ n1 I“‘““‘IIIII
GI.6 GI.9 GII.2 GIT.3 GII.4 GII.6 GIT.1

GI.1 Gl.2 GI.3 GI.4 . . . . . . A4GIT17GIT. 22
GI GI1

R BB

L)

M1 FEHRENDONVICKELEHABHEREN (BRNBREEEL) OEGEFEIEDOEHH
(2017/18 > —X2~2020/21 & —X)

100%
a0%
mil1.22
60% mGIl.17
S0 mil1.14
41 mGl].6
W 60% =G4
a
s mGl1.3
o0y
ﬁi mGl1.2
1 40% uil.9
NS uGl.6
0% Gl .4
uil .2
10% mGl .1
0%

01718 =R 2018/185, — A 2018/200— A 2020/21— A

B2 FHREADONVICELHEHBHEXES (BNBRREET) ORI—AVDOEHBDEE
(2017/18 > —X2~2020/21 —X)
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ORF1
S'— HEL __ VPg Pro  POL w3
COGIF COGIR | [83hp]
Gl COGIF GI-SKR | [381bp]
G1-SKF 'I GI-SKR | [330bp]
|MON433 G1-SKR | [579bp]
COG2F COGIR [98bp]
Gl oo [ G2-sKR | [387bp]

| G2-SKF :

| G2-SER [344bp]

| MON431 :

[ G2-SKR | [570bp]

3 NoV DEGFEBEE TSM4 I —DE
BRERERET=2T7ILY hoikE)

1.4/AJ313020
1.4)A 277621

1. 4/AB 042808

L4A 277616
2018/13-18_G1.4

|es

LEABO397T4
LEARTTE14
|.EIAF414408
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5
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1.71AJ844483

L.8IAFE38879
1.81GU25a761
2019/20-17_G1.2
1.3|GQ8584T1

1m

=] 12)AB 187514
l: 13160858470

1.2]U04488

—
1.21GQ858473

2018/15-16_GL.3

wlgm.rmmz
L.3AY 038558

—mE—

4 2017/18 =R ~2020/21 >— XV IZKHEBBEXEHIM SR Shf- NoV GI DR
a:RYAS—EEE (24418K)

£ hTY R (298 1BH)

LPEKPO27329
|.P5IOB2005138
LP12|ABO25774
LPEBIAFOS3797

| PNA4|LC242057
|.P4/AB042808

| P4|CQ8E84TS
LP1INC_001959

LP2]LOT418

41
_&[’:Pzn:m 5234
20200217_GI2

LPNA1JABO81723

T L.P11]AB354289

[

LPTIKU311181

!
1.P7LNE03251

| PSIEF529727
%L LPOUNEOR2E4IN1B315

F— |PeiGUZsTET

|—Uw—|
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2017182 Ga 4 '\
@ 20192015 G4
Gl

. Gta
@ 2002110 G 4
@ 2aszt cas
20171185 G4
217187 G4
20181910 G4
) | @ 20181515 G4
2019207 614
@ 2019208 Gt
2010197 G4 G l l 4
2018195 614 -
2018195 Gr4

218195 G4
2017181 Gia
20171184 GH4
0 219201 G4
020202 Gt 72, @ 2182016 G4
O 219203 Gt =[l @ 220211 6r4
02019204 G4 »[l@mez01s s
. 0 21920 Gl X

'O 20192012 Gl 4 92019208 Gu4 G I I PS‘I
— nepoor.Picanisses 5] @202021.10_Gra .
— 1pisurerie ) 020282113 Gra
2B 1Ptusss0?
o —" nEFGaTzR

HPIABIMITO

z
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n
1o L1BAYEZI3NS
—T
1 1RSI0 we12.6e2
11AB07893 e Gi2
L19AVE23306 22112 a2
ol seaveznser 212 12
101 SAETIS6 n|mazi4 o2
o WSARTTS07 20ma15 12
L10AYZITA1S 2215 012
BLuiarire e
— 12AVIUTE
12031978 =
2 20192818 012
20192019 G12 225
avivisg a2 LP2MGISOT
[ LPrA2mGTOBS
EPHUAAGI205
1 P2TzS00m
o 0l 4 P2smGSS0m
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020214 G2
i PUAB2I2206
=2 VGILL2 Lo
2183 anz2
Fabi s ea 1ot PHEAYE23I04
meGa2
ome10_ G2 oo
ot 1PYAVEZIOS
2017118.2.602 —ArApnsmen
ey G2
wnes G2
w2 on2
w9 o12 e
s Giz it
oma07_ca2 s ca
ma0s1_cnz ) R
2192043_ 012 wPTABONTT?
10— K AY1307R2 o)
Bryecacsy 1PRnSTS
W VL TS0 iy
LY P BlnemEwTsTs
i s

B5 2017/18 ¥ —RX~2020/21 >—X VICKHBEREHIMN S#REH St NoV GIT O R#F#
E:AhTYRMEE (28018F) A :AKRKYAS—EMHEE (2431EH)
O : GII. 4 Sydney_2012[P16]
@ : GII. 4 Sydney_2012[P31]
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4. ER
4.1 BEL—X2D NoV DEFE

W4 =X &L T, GIL2 O HE L OV
AN, 27161 L 2 HE E T (K1, K 2),
Flo, AV AT —BHEKbFEICE b, T
T GI2[PI6lC ¥ E 7=, GIL2 DI, FREE
TOEFINLL, G2 ([ZxT D0 &= /20 v
REIZ X ARG TATOVERN S -T2 2 &R E3E
2D, 5lEHE SBROBRICEENSLETD
%,

—77. GIl.2 1%, 2016/17 > — X D X H12, 2k
DENF 2 HDTWD DT TR -7, BERO—
SL LT, TNE TR LTV GILA OFFATHRN
5N 5, KT 2019/20 > — R BT B HN
%<, [F—HIEEH]D GII.4 Sydney 2012[P16]A3 i
1TL Tz (K 5), Gll.4 Sydney 2012[P16]i%. 6
HHI R 4 FH D FH AR TOREETE N TR SR
O Mg K ORI U TR - AT OIER D & -
7= RREMEDN 8 D, F 72, GIL4 Sydney 2012[P31]i%.
HAM, NPT RO SREEFTENNS, £ —X
NS TR ST (1), [P16]&[P3LICH T
DEFEDEVTENTIZ VWA 5% LT — X 2 &
HEL CWSMERSDH, 72k, 2020121 > —RA|C
Gll.4 OBEEITID Ly, Yakliiidsila o
FTUA N ADPATIC L D s B CRrAERBLERN W
EL. ZOITEVERNEEL T D AREERD 5,
ZDT=O ., BHEOWA DI T GILA DFEATHHE/ ]
fERIZH D E TR HIE T & A,

2015/16 > — X ZBIT D EERITH TH - 7=
GILAT IZ DWW T, B BT 28 L — 0

(X 1, X 2), #EEOBEE TR BH SN -FH T
DN ZroTe (£ 1), HEOBEFHIBRH
SINDFEFNOWTIT BB A8 2 L THr
T B RERBRAC B AREME D H D 720, Bim &2 1ER
THVERD D,

4.2 EHAEFICETHECTFHRTOEEM

LHFEHNIBNT, B S 472 NoV OBE T
M G ZAT 9 2 &I RIEEFTIC I 1T DITEHRE S
TGO OB D L EETH D, T, %
SEF IR NoV & FHERIE S ok NoV Db, &
H7E ORI ZE O IE LU VEIETTEHZ b 72 2
2017/18 v — X OFEF] 6 (2B T, BIEFE LA
PEFH DD NoV Gl R &=y, IS E S
T ATV, FNENTEE TR R > TN D
TEEMR L (R 1D, 2ORRE LT, Rk
A, FRERE A A2 Lo Tl & L
72o E77. 202021 2— R DHEF 2 1ITBWNT, K

JEA & s E B0 225 NoV Gl 23 H S =28,
ENENTRIZFRPEL STV (R 1D, Zh
IZED ., FIET N—7 LITBIRE T, fEixiZ NoV
DEELIAENTZ LD EEZ LD, REFTIZE T 5
BRENE D OHWNL, E AT A ., TR D
RS R AR & T 2 5A8 03V B FH 0 1
LWEIRZEBH D72, NoV D& fnf-RED R H o 7x
TliE e BEFRORE E THEIZIT) 2 &N E
HTHD,

Cannon & 9 T & > Ty & 417z Dual typing 1573
RN~ =27V DICERA S, 2EOTY
EAEMFIEHT C—IIZ 72 0 DD dH %, Dual typing
FEIXARY AT —BHEO—5H6 0 7Y Righko
—HE TOfEKICHOWT, —FED PCR THIETX
%oy THVET, RY A S5 —PHEKOMBATIZIZ, B
> RHESE & 13RI PCR & % L7 i uE e & 72
o773, Dual typing V213, FEIRFR] C R 12 IRV VIR
ZRNTCE D70 EHFEHIC T HuE TIEL W
JRIKZEH O 7= DI bIEFICHRAEE XD, £/, @
%2 =X 2BV T, Gll4 Sydney 2012 i, [P16]
EP3LNTFES LT, [A—FBIN T[P16] & [P31]
NRIBFICHRH SN Z LidhhroT (1 K5),
LU, Atk A—FFINTZ O 2 SRR
ENb X oHhEAETH->Th., Dual typing 15 TIXIE
LT CED EEXD, IHIT, Gl DIFNIT
1. GIL2[P16]%° GILI7[P17]2 HesR S 7= (3% 1.
5, Zhbid, 2ETHHER SN TWDLIETH
B3, WA TIR, T E TICEMEER & L THEE
DIV EIE 7 (G4 Sydney 2012[P12]) & B
SNTHEDL O Fe 2 T OJRIK 2 BB
HEWTYH, Dualtyping i BITERHEE 2D, —77,
Dual typing £ 1%, M HHEE R0 > TN D Z &R
BREN TR D Yo ¥ —ZBITARETDH
—ERORIR TR A CTE ot (R D, F72,
Dual typing 5 CTHEEIE LTWD AR Y AT —EHHElg
. IEREmMO 240 HHREETHD (K 3),
GIL.2[P16]1%. 2011 #FEHIZ H AT H V. 2016/17
=R UBEBE S IRAT LTV D RE & 1T R B
B ERREINTNHN O 1037
3 TIEFIRNT O T2 DIZ1E, & 0 iRV Rk OB AR T
FEMT R LEE L EZ BIVD, R U AT —EHEEGK 500
I DOWT, 7Y FiElR & RIFFIZ— @ PCR
TN CE D HELHMEINTVEN W | ki
IR — 7 =2 K D25 ) LR
ErEZOLNLD,

5. F&oH
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3t 61 FHHI T, GIL2 28 27 FHFIH D, GlLA 8 24 =
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S LlpoT,

3) Dual typing {52 LV, KU 2T —EHEKO—F
b a1 o772 Z A, Gll4 X Gll4
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Genetic analysis of norovirus in mass gastroenteritis cases
in the 2017/18 to 2020/21 seasons

Kyohei Saka, Takashi Suzuki, Yuki Ogawa, Tomoko Nihonyanagi

Genetic analyses were performed for norovirus (NoV) detected in a total of 61 cases of mass gastroenteritis,including
13 cases in the 2017/18 season, 16 cases in the 2018/19 season, 19 cases in the 2019/20 season, and 13 cases in the
2020/21 season, occurred in Aomori Prefecture between September 2017 and August 2021 (the 2017/18 to 2020/21
seasons). The results showed that the most common detected was Gl11.2 (27cases), followed by GI1.4 (24 cases). Based
on the results of molecular epidemiological analyses includingpart of the polymerase region from the 2019/20 season
onwards, Gl1.4 was classified into 2 types, Gl1.4 Sydney_2012[P16] and Gll.4 Sydney_2012[P31].

Key words: Norovirus, Gll.2, Gll.4, Dual typing, Molecular epidemiology
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RAXBEICETAEHZ Ty bEEALE
RETHADRERRERY )V —Z VT EDOEE

WARMSE L ERS

M)y e

EHO !

RET A EPEWHRIC BT AR HRE =2 VT RED A ) —= Y EL LT, A A/ 7~ |k
EEJFEE LS moir >y FoEta % Uiz, HIEFEZBRICEST, ¥y MNRIGRIZY 7 ho=x
7 Image] TRt L7z b~ 7T AORBRE T A v LRI T A o omfgt (TICE) MW=, HHEAK
ORI THEL LTeAR Z T A Z W THRE L7eER. v FOFBREER 40 (5T, BARIZHT 5 BHIED
12 THDH2MUIG DA Y —=2 7 L)L TAREHEZR S SHTARECh o 7o, /2, v MORIGHER
R R & BEREFh IR CEIX e o 72, F v b TR I & HE S 2 EHZ DWW T,
LC-MS/MS IEIZ KV iR 2 K55 2 &L T, E=4 VU V" REICHEMAAREE B 2 b,

Key words : paralytic shellfish toxins , lateral flow immunoassay kit, scallop , screening , LC-MS/MS

1. [FC&HIC

B 23 (paralytic shellfish toxins ; PSTs) 1%
FHEROEHWHBFETHY . HRDOAZZ LTI T
HLHEEFE SN TS, PSTSICL D ETFEEBIET
% 7= HARTITABIE 4MU/g Z3% 1), THEORK
BEHEFIZONT) (BF5547 A 1 HABRALE
30 BEAARERHERLAGAEREEM) 2L
Y EBRTH D~ v ZAm RS (mouse bioassay ;
MBA) ZAEEEED, TFICHE L7 KL HO
AR 21T > TN B,

—J5, bAEO “FKEAEM TR [EEERIC
BT HHEBFEBOER L OVEBRBEICONT] (FRk
2743 H 6 BAERMKIEAHE - BE&RE@EH)
V2 &0 AR EEWE A R E L, PSTs KOV FHIME H S
SWTEMHICEREOE=F I v VREZ 1TV
IR THMEOLRERBIIE O TND, ZOED
PSTs A iAIT. AEEXITEN & RIZEL DO FE
EEINTEY, £2, THHOFEDIED, HH
EXVHEERCHEEOROREZHRITEL27 Y
—=VELERATL I ENRESL E STV,
TOAY V== 7 LTE, SAES A
REIN ZHEEORFED Y 2 7 EHIZET
HHARTAY AT THA RTA40] E0nd,))
Nz b 7vu< NMEEZFRHEE L@ 0% >
MENFH I N TS,

1 75 AR P BR BT AL 1 1 B 5 O Al

T, B EESEOBLE) G MBA 1T AR
RIBIE~OEENRD LN TEHY, EU TiE 2021
£ 9 HICEMW A LW HiET PSTs it & &
M9 % 2 L& UIniEfE I iT SN, ok
TlX PSTs K41 Standard EN 14526 (7 L4 7 A
HOt HPLC 1) X3 fth oD [ BRAYIT 2624 PRl = 41
HETERTHZEEEINTEY, A KIA
VTR EN TV 5 Boundy 5 LC-MS/MS 12
EBFHEIL IS T HR, 20 [FRREMEE
BT br R Rx v U HEDT O O-E EHIRIK 7
n~ 7774 —EE5HE (UPLC/IMS/IMS) <
= a7 by NE, ESLAFZEBR R IE N KEMTE - 2
BHEOR— L= TCARENA TV,

H AR ORREE TIIR X T A OEENFEAL T
b, EEEET=2) BT S PSTs A
IEAEETHD MBAICK W ERLTEZ, Zh
FCHEEENO “HHE T PSTs 2 S i-#iE
7220, Zhuk, BEEBORRICHEK T O L
EZ o, RS E T I ENTZEBNIT
KRBV D DK E 2RO PEAUIZ K0 Bl % D%
OTMAZZITFIZ L N JRKRTZ 7 b o
ANRBNTED EB 2 HD, dLiiE KO =kEhE
THELLTZARZ T A TR STV D, EHF
OALHFE L O =EICK 1T D PSTs OJRIK T Z >
kX EZ Alexandrium. catenella (Group 1) ; A.
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LB LEBEIHENTEY £/,
b E & O =R R TRZE I A lexandrium,
pacificum (GrouplV) ; A. catenella ([H) 23 H 5
NENZ L Db WME S TWD 5789 [EEE
WO 7 o 7 EMTIE A tamarense (IH) K&
WA, catenella (IH) (Z>WTHTZ7 7 brifid
ZEMLTWDN, ZHH0ZHLE TICEN S
722 ElEn,

FREME 2 8808 L 7= & 0ok, BN T~
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VXE BRI 2 Y PED R S LT 2R oo T C N9
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WRWHHINLTWD, £ L7 7a~ MEEZFIAL
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LHbOTRTZENTE, A7V —=0 T L)L
%ﬁit%iﬁﬂ?%@%%ﬁﬁﬁfhi H A
DH7e BT, EU OF I RHELNTHE. [P
WZIExE BU 1A B PEMIBR A TA Y F %27 j
—= VU IREEE L THEATE S LEELITE X
776

MEMEEFEH S oy ML A7 ) —=
TWHEEA~=a 7 /v BDTIEIART Y OISER

BRI MO T E ORI Lo TRR D & &S,

HEfhHig %z % v M8 OBIRABRIE %2 v Ci
ERFRBELTDIZENEELEEIN TS, B
AAREBTAATIE PSTs ODFINT T 7 b onk
BT ERHE MBI TEY, E . AL
Y7 b TEAELTH HOREIZ X - THEkT O
R R D W2 HOME K Ok ok
WCE DR O BRI R R D, 2D &b,
Eofilko o HEBREMNGE T D TRIKEIC
WIER A RIBE L R ) —= 2 T LV B ET
HLVEND D,

ZAVE T PSTs 12K 2 b WV FREIE 7228
FENEZD EEE LSS, EERDDITE
CLTHBEARTHELEINTWS A tamarense
(IH) KO A. catenella (IH) I2L2bDEEZDL
ns, £ T, AFETIE., KAARDOHOE CTH

fEL7eRE T HA 2 LT, WAAROWHKIZE
JARMEMER B Oy hEER LR Z T
HADAY Y —=2 TIEIZOWTHRF LTz,

F o, NEEICE T 2o M IE 0.1 mol/L
e TdH 5 A, Standard EN 14526 #HihH L 45
PSTs OBEZRITHT SO I 1F DRI 1 %FERE
ThoHlD, S%EaEIITICBITLICG S bEE
L. OB X 2R BRIRE CHRa 21T -
2o HIEFEFZEHRICELLT, 27V —=v7 1L
AL S OVHE T IR 2 Bk L7 & O THE 5
Bt Lz,

BIROBERS ZHERT D720, fSmirS

MZ & 2054 & 097 LT MBA K& O LC-MS/MS %
I L7 O T CIlET 5,

2. MERUAE
2.1 ##

AL/ 7~ NMEEFIRLEMS o0 %> K
IZEMOKIES T2 ERKENRERGDOT-D
DLX 2T b —HAx AFFREELFEE] CH
I, BARREESSEI DRI THD
MTTAF AL/~ F—PSPI=vAA]| %
fER L7z,

X v PO IERARIREZRFT D702
T L7 2 AW B MLERH 52, EEE T
PSTs IC L DR ILORAEN ZNFE THER I T
N, 2T, BESNDFEEEE LCAeEE
R OVHAL K EPEM CRAL S & - 7B D A5 (2015
EEE) R OVBE (2018 FEH4H) OAwAL T H
ADKR—=IVRT 4 AN, ZOBFRERETHA
X MBA OEEDOBGMERAEE LTnbHH DT, 7k
Ak Z MBA (2 X0 M3 4 fal L 7= RS E D 7R
ST A RECH b L, AR 3.5 MU/g (2
FL7=HOEK 100 g 32/ L CTHEERTTE L
7- B FAEAEY)E (House Reference Material ; HRM)
Thb, UL, AiBEH¥KD HRM % HRM-A, B %5
M3k HRM % HRM-B & 4 %,

HAMSN O ODEFEDO R X T 0 A R EHT
2020 £ 1 A 205 3 HICxt EU g By A pE ik £ =
2 TR TR S MBA THEE TH -7 55
BT TNEFR—LRT 1 2,

ToBE R OMFEICIX, 2019 4E 5 D
2022 4 7 HICPRBEIEN TSN HRZ T A
(RRBLE AR =2 U v TRk, AR
PFRE G IS I ERE K OVE W BT
N-1~N-13) ZHW 7=, £/, AFELZTHA L
L C. Ak R OVRAL K PR TR b 3 & - 72 B
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WRBRBEOR MR o 2 —4F il 55 33 75 (2022)

DR —VRT 43 Bt (P-1~P-8) #AFEL. Zh

BIZOWVWTH SOy M X DHIEETIT- T2,

LC-MS/MS L CHEH 3 M IX, STX-2HCI
X FDA 25t 5 S 2% S . deSTX KO
neoSTX (LLF, NEO) II/KFERFIL - ZEHME LV
BRI ERE L 2 VN, F ST T # NRC

DRFAEEYE 2 Tz,

2.2 PSTs HBRIRZDIRAHA %

BN HEEORRIC L A 21T o 7,

WRahh Iz X 2B RRIL, OB E M &0 0.1
mol/L ¥ FRYAHE & N 2 TARE VA X LT % pH
3.0 ([T L 5 AW L i &Rk & L
72

FEER R L 2 RBRFRIE, REHE Y ED 1 %
HEBRIRIR 2 M A TARE YT A A LIZ & pH %
TP, 5 AW Lz B A RBRFIK & LT,
2.3 BH{EDHXY FIEDE-ODERIRES
MWESHHOBEEZIMFY MHERE MBA #HRD
&

MBA T % R L2 EHZ DWW Tk, HHlg
Fih AR R & B IR ARG R (B DG E1 20
) THIRLUAIE L7, ~ b U7 2ADHEICLD
fES T v FOFERE MBA OfEFICHIEEA 72
W Z RS LT,

QDRI —ZFTULRLDEZRELRBREDH
REEDERTE

A7V == T LV R EAERIED 4
MU/g D 1/2 T % 2MUIg & T 5=, AR
B i H kD HRM (HRM-A % O HRM-B) D gk
HIRRBR TR & T TR & 7 A A O YR B4 H 5 B JFTE
THARL, 1 KO 2 MU/g #2405 5 O R BRI &
FAEL L 7=, FABLL 72 1, 2, 3.5 MU/g 4 OB R
W&Uﬁﬁwﬁﬁﬁﬁ%%ybﬁﬁmﬁﬁﬁﬁ
20 725 100 f5cA R L CHIE L. b 7o ARG 5

usn‘” ‘
? |

positive

ZRET LTz,

QEEZoH*y FOHEHZE

X v MM SCEIHED, (B OFAIRIE TR R
R & A R% ., 100Ul Z BRIRIIEcEm L., %iﬁ
T20 05 ET D & RSy MIBEIEOREIC

D BRI T O PSTs JEEENEWIE LY uitu%ﬁnfsfa%
DT 740N ELS72%, B TIET 74 »OEHR
BEIEIC 4 B0 (++, +, £, —) THELE
(K1), b T 74D EV++0ENME
(negative) &72%, HRILX 34 TtV ZHt 7
ST fERE BROBER R E LT,

HIEER
AEEER AR

[ =@
o | | :‘@
() ;@

K1 MIT 7R+ A4L/90OIF-PSPT=ZvR
11 DFIERER

A : [T, B : Bk (positive —),

C: &Mt (negative + +)

Bk

HRHEZ, 7TAM L —F &2 A% v ) —
(EPSON,PX-M380F) (Z X ¥ 700pdi Dff{4E TH
T —Hfg L LTHRYIAAL, ZOWfgE 7 ) —OH
BfENT 7 b Imaged TREAT L7 (X 2), XHEES
C DOHEEE & RBRE T OmMEE S ZF D (TIC
) Zked, HIEMELE LT,

x40 o /
pep )00

negative
2 MMFR+ 4L/ kPSP T=yRA] O Imaged 12 & ZRHTHER
KOTGAVREN IO~ N ST AL LTHERIND
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FRILBRBEMEE o & —4F3R 25 33 5 (2022)
2.4 PSTs MAIE
MBEZATxy R J:Zo,ﬁllm

R CHONI-AREEIZEY 2019 45 A~
mﬂ$7ﬂ_@lgmf&ﬁéht¢&vw4&
U“)\%T“’étﬁ%n‘\ﬁ‘fﬁ% ZEEtE LTS
My Mok amotreEE Lz, £, R—B%
AR T D5 ﬁ%ﬁ@@&&bf B BHkD

HRM-B IZ2>WTH HEZE 2 CTHRBICOM L, TIC
EoEE % Rz,

BHTxy Mckba o 7e —%X 3R
j—O

O PSTs ABER (BB X IERRER) OFR (40 )

15mL ¥90F2-7 1CHBRE 20uL 255
HMIBOERE 780uL 2025

O RTYIR 0
|
O 100uL #3490 TEoM M
|
O 20 HfHEE
|
O HEHEE SAHTEHE. T/CHEMNT)
HEHORBE T IMVDRERETHUETS
+4+ :S14UNTLITHH (nega)
+ OPHOBTA Y ILBRRERR (posi)
= BLS/UDH B posi)
T4V DEEHL (posi)
K3 fEEZAaH¥y crORH70—

+

e e e e el |

T/Cf
O N0 e o)W R D

(2)MBA 12 & B85

2.4(1) & R O FREE O M b HH ARBR LR L2 D )
T, DNEFEIZHEV MBA %3 L7=, ICR R~
AR L, 19~21g OfE{KE M H L7,

(3) LC-MS/MS kI &k % 8l%E

2.4(1) & [FIAR O FORE O S A K OVHE B2 Fih (3R
WBIZHO>WT, A KT THRIMTESNLTWVD
Boundy © ® 55 D% THIMERTFH L7 e K %
CUOMED T O EHIRE 7 v~ N7 4 —H&
SHF (UHPLC/IMSIMS) ~ = = 7 /L | MNZHEWIHr
L7=, WIEL=8FEIL C1/2, GTX1/4, GTX2/3.
GTX5. GTX6., dcGTX2/3., STX2HCI, dcSTX.
neoSTX TH 5,

By OMITIRE  (nmol/kg) (2 Oshima @ k7
MEFE LT~V RAES (MUlG) %, EFSA O M
SAMifR% (TEF) M OY STX-2HCI » 4y +# (372.2)
Z 3 U C STX-2HCI Y& (ug STX eq/kg) % K
776

3. BRBLUER

3.1 BENHEyY FEEDO-ODEREETHER
MEESHAH OB XY FMER

2020 FE 1 A5 3 ATk EU B By AR PE Ik £
=2 ) U TBRE TR & MBA TEHZTH- 72
55 FUEF O R ER fh H BRI & %~ MY B oA
KT 20 5l AR L i 5 o > M X H2WE %
To7=, BoNiz TICEORKREZK 4128/,

©cooo0oco0000

o =Wk O

X4 MBA THEEZMIRL-ER

BERITHAADT/CE (20 FFHFH)
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FHRBREREYE ¥ —FEH F 335 (2022)

EGTX1 mGTX4 mGTX2

GTX3 ENEO mSTX mCl mC2

HRM-A

K5 BREEVEOSHSMEM (EEHH
HRM-A : 3.47 MU/g

HAROREHRIL, 55 Bt 47 Bilix++. 8 Fls+ D
HETHSTo, ++HIET 74 U BHARRICHER TE,
FEENRANGA TREME (negative) . + 1%+ + 2~
TREONIHNGE THEME (positive) & &N TW5D
2N, BHEHEIEIIZ T 94 v OBOHE SO s iR
WIRNWTZ O DFER EE 2 bl
EHEARHTIC KD TIC X 54 A3 02 LB/~ 7-, 1
BI721F 013 THh o728, BB D BARARE
TOMHEMNTH~ R 7 RCXDPBEFRND
DEEZLNE,

(2)HRM-A & & U HRM-B D E R 3 8 7%

AKXy N OKFERICKT DN, Cl2,
GTX2/3, dcGTX2/3, GTX5 DJEICE < . GTX1/4,
GTX6 TITIEWE ENTWD, FEAZT A Th
% HRM-A & HRM-B (%, & $1Z 3.5 MU/g F2 127
NEFELMBAIZ LA GEEZHIT -0 THD
D3, BREUGT b BB b B 7 D 7200 BER Y O
BIZRI->TNWD EZEZ BN, TDTH, HEM
U OMEERTIC X 0 BRk 0 & el L 72,

HRM-A 3 L O'HRM-B D #5453 #LA% 35 & OYMBA
XA HEZK 512779, HRM-A XA A NI Z
2 HPLC-FL 512XV GTX1~4 O HZHE LI f
HETHY . HRM-B (% 2.4(3)D LC-MS/MS J£I2 L 1
MR E RO RTH D,

GTX1~4 D&M OFEFIRE (nmol/kg) 12
thEEE R U Cvy U AT A2 RO TZFERITZ. MBA
TRDEZFEAD 80 B ETHY, AL, BiBL b
B OFEMRIL GTX HEEBZ 2N, Fi,
HRM-A 13K % v F TRIGHED FEV GTX2/3 DEIG

HRM-B

B PRE  nmol/kg) BEUMAIZL B T5(E

HRM-B : 3.54 MU/g

NE< . HRM-B IV E &b GTX1/4
DENE N EWEREITH - T2,
R EZPHTXY FOFREXRELVHEREDR
E

% HRM OHEERhH FE & VD CTERR L 72 1.2,
3.5 MU/g X OMEFE (0 MU/g) 7R % 7 A O Ygish

®1 KETHADFREEDRE

HRM-A FRMEE
EE % 20 x40 X 60 x 80 %100
omug  t++ ++ ++ ++ ++
e 0934 | 1173 | 0839 1261 1.006
1 MU/g — + + AP ++
EE 0032 | 0056 | 0128 0142 0216
2 MU/g - - + = +
e 0024 | 0039 | 0059 0051  0.110
35 MU/g - - - - +
EE 0020 | 0022 | 0031 0050 0065
HRM-B FREE
EE X 20 % 40 X 60 x 80 %100
omug  t+ A A H S
EE 0856 | 0672 | 0727 0849 0790
1 MU/g — aF + + ++
e 0046 | 0125 | 0232 0258 0285
2 MU/g - - + + +
EE 0020 | 0041 | 0071 0102 0230
35 MU/g - - - + +
e 0013 | 0025 | 0044 0051 0049

BB BfAIC X BHIERR
TE : TICE
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HRRERERE Y ¥ —Ff 335 (2022)

K2 BELEERITHADERBRUEEBEICESITSE Y MAITEHERKR U MBA - LC-MS/MS #£8
R & EEERH H &
MBA#%E 2 v FAEHR LC-MS/MS#tHI8H (nmol/kg) Fy bAIERKRE LC-MS/MS#HiIE B (nmol/kg)
BEEE MU/g T/CiE BfR C1 G2 GTXb5 GTX6 T/ClE BR 4] Cc2 GTX5 GTX6
N-1 N.D. 0.144 ++ 2.0 5.3 0.225 ++ 2.1 8.5
N-2 N.D. 0.230 ++ 25.2 5.2 0.226 ++ 9.2 2.5 6.4 12. 8
N-3 N.D. 0.208 ++ 26.6 0.127 ++ 23.3 9.4 1.6 33.8
N-4 N.D. 0.425 ++ 11.6 7.0 0.281 ++
N-5 N.D. 0.427 ++ 6.7 0.268 ++ 12.7
N-6 N.D. 0.256 ++ 0.273 ++
N-7 N.D. 0.293 ++ 13.8 0.236 ++ 14.2
N-8 N.D. 0.388 ++ 16.1 0. 491 ++ 15.6
N-9 N.D. 0.276 ++ 15.2 6.7 0.512 ++ 15.3 5.3
N-10 N.D. 0.270 ++ 21.6 0.1 0.478 ++ 17.1 6.9
N-11 N.D. 0.263 ++ 22.8 7.0 0. 349 ++ 17.0 5.4
N-12 N.D. 0. 346 ++ 28.17 0.376 ++ 25.9 2.9 22.9 7.6
N-13 N.D. 0.266 ++ 20.2 0.422 ++ 25.9
N.D. : 3

IR Z % v MR ORI T 20, 40, 60, 80,
100 fFIZAmR L, G > M X 2HEEIT
W, RETIHA DEREREZRE LI R E £ 1
W29, BLF, BAo@%E TIC A 0.1 A 4 I
.01 00 0.2 K&, 0.2 LA E&AKETRT,
T/C {1 HRM-A & HRM-B T#72 0 [ T/C i 0.2
U bZEtE LIESE., GTXUA 2% GHF v
M 2 IOGHEMEN EE 2 B D HRM-B O
£ 9 73BTl 60 5Ll EO ARG T 1 MU/g
FHY RN LB SN D ERRIR ST,
Pz b 2MUIgQEAT Y —=2 7 1L
NET D0, BHEMET 2 MU/g TRUEBRES T 12
TAVDHENT IMUIg TIET 74 VDR TE
LR MEIE & 7R B2 40 5 & REEIC T B A
WEERE L, 72 TICHETHIET S L & L,
0.1 Rl &2 Bk, 0.1 LA L 0.2 A & Be . 0.2 LA
EEEgEE LT,
3.2 EEZSF Y 2L B PSTs BIEHR
(MERZERZI THA CORIIER

2019 4F- 5 A 5 2022 A 7 A I FEEIEN TEH
ENTARETHA (N-1~N-13) 1225\ T, HE
FhH % ORI 21T, K 3ITR LIz 7 e —IC
PEVHIE LTz, BN kREasE 212737, N-3
%, 3.1(1) T T/ICHEMN 013 &R > T-IETH %,
LC-MS/MS {E1Z £ 0 lE LR S V= Bl ic o
WTH O TRT,

Wt R Z A EEIC LY MBA 21To72 &
A, TRTCERTH T,

B (R e e OVEERR O il s BRI & b 3
RTORETH+ORMHETH Y, T/IC fEiFik

3202 U Lo TH - 7-, HEERH R N-1 28
0.144, FEEERHhH K N-3 2% 0.127 OEEMETH -
7=,

LC-MS/MS {512 £ W C1, C2, GTX5, GTX6 A
B & 7=28, TIC 5 0.2 L ETREMEE o7
RETHARF Y N TRICEREWE SLD CL,
GTXSE ML WK B 0 (B O HIRE & TIC
il & ORARIEITER TE 2o T,

(2)FERE THA HRW-B TOIRIEFER

[l —EHERIE TOREBROIEL DX 2R
T o570, GTXUA 3% < F v b DUSHEMEN
-72 HRM-B (B-1~B-10) (Z2>WT, HZZ X T
BRI X OFERE I 21T, K3 IR L7 m
—IZPREVWHIE Lz, #ERZR 3ITRT, AR
a5l TH D 354 MUIg & H7p L, MR A
T A DR THARL 2 L ONIMU/gFEY & L
72HDIZDONTH Ll ERBRICHIE LTz,

Z L LC-MSIMS B L 0 odr L, i &
NI ORIEREFE (nmol/kg) (2 Oshima Dkt
mEA L T~ U 25 ) (MUIg) %, EFSA D%
PEEEAR S (TEF) J OY STX-2HCI @ 45 1 & (372.2)
Z 3 UC STX-2HCI Y& (pg STX eq/kg) %KD
7=. E7-. HEERHIHIKIZ oW TIZ, MBA % FEii
LZD#ES (MUlg) ZRD7=DT, £ 3IZHET
ZN e

HEERRh H U > MBA 5 2R 13, 2.85~3.60 MU/qg
(*F¥) 3.25+0.22 MU/g) T > 7=, i K
EbFy MBI LZREHEHAEITZ—~+ L T2
7273, TIC fEI13#%42 0.05 DL FOBEHIETH 0 4
Fa e 1L 22 0o T2, TIC fHO ) 3 ©
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HARREREREE X —FH 5 335 (2022)
0.037+0.013, FEA&HlH T 0.035+0.021 TH -7z,

2MU/g & L7256 Tk, MBA f&5R1% 2.25~2.53
MU/g (CE#) 2.43+0.11 MU/g) . v MZBIT 5 A
FHEIZ £ XX+, TICfEIXA 1 #1372 01 %
R 1Ml 0.1 R OEHIE Th - 7=, TIC B
DR T 0.060+0.029, FEEEHLH T
0.070+0.032 T&H - 7=,

1MU/g & L7z 36 Cld, MBA #5 J 1% 1.95~2.07
MU/g (¥ 2.00+0.06 MU/g) . ¥ v hicEiT 5
HAHEIXIZIE+, T/IC EIXEmMmI T 1 #ln
0.102 TH o7l 0.1 KiGOBMETH 7=, TIC
TE O X Fe ¢ 0.082+£0.018, ErEghht T
0.066+0.034 T&H - 7=,

LEXY ., ity FTlRiE s o2& 722 H
ERRETH D ETRBIN, A7 U —=2 T L)L
TIIAREMHEN TR L 2R LI, £7-.
MBA (2 X%~ A5 1 & LC-MSIMS £ X 0 15
bivle~ U A e i3 5 & 2MU/g 88 DR
Tl LC-MSIMS {5 T B AU 7= R 2381 U ME
MmN RS L, LU Tlid LC-MSIMS £ L 0 15
SNTEOFNERRE IR AL o s b o
OHERE & 1T WMER A A Sz, LC-MS/MS ik
ICE W ELNTHAEMET 2MU/g OB AR >
NCEMEEHIESIND Z & DRIR ST,

&3 AHERZTHA HRI-B DIEEEUEFBEMBICE TS5 %y MAIEERE U MBA - LC-MS/MS #R

1 E R B B 3 L SR
MBA# 8 X FBIERRE  LC-NMS/MSRR& YEHEE oy FBIFERERE  LC-MS/NSER & YEHHEE
BARES MU/g T/CiE B4R MU/g ugSTXea/kg T/CiE B8 MU/g ugSTXea/kg
B-1 3.36 0.051 — 4.82 735 0.043 4.67 711
B-2 3.34 0.028 + 5.39 819 0. 000 - 5.26 805
B-3 3.49 0. 056 + 5.68 850 0.036 + 4.99 749
B-4 3.60 0.022 + 5.19 787 0.019 + 4.54 692
B-5 3.54MU/g 3.19 0. 029 + 4.87 738 0. 020 + 5.12 780
B-6 LRS! 2.85 0. 035 + 5. 64 856 0.025 + 4.79 733
B-7 3.02 0.032 + 5.80 884 0. 080 + 5.25 787
B-8 3.26 0. 042 — 5.37 816 0.036 — 5. 09 777
B-9 3.19 0. 050 + 6.14 910 0.046 + 5.11 779
B-10 3.19 0.019 — 4.80 728 0. 040 + 4.48 681
B-1 2.53 0.102 + 2.66 406 0.122 + 2.68 409
B-2 2.52 0.019 + 2.69 412 0. 041 + 3.06 467
B-3 2*rgué/'lg 2.25 0.061 + 2.72 413 0.073 + 2.91 446
B-8 2.46 0. 053 + 3.10 472 0.053 + 2.48 378
B-9 2. 41 0. 065 + 3.02 455 0. 059 + 2.73 416
B-3 1.95 0. 066 + 1.23 188 0.028 + 1.26 181
B-8 ;’"EUQ 1.98 0. 080 + 1.50 227 0.082 + 1. 41 214
B-9 2.07 0.102 + 1.52 232 0. 089 + 1.52 232

x4 ABEREITHA P-1~P-8) OEMEUVEBRMEICES TSF Y MAIEHFRER U MBA - LC-MS/MS #55

QBEREZTHA (P-1~P-8) TORIIFER

LHEE L O ALK EERCE b LA mA 2 7
HAF—=NKRT 4R B (P-1~P-8) IZ2OW\WT,
HRM-B & [AAE DO EE TS i v M X 5
a2 FE Lz, fEE %A MBA & OV LC-MS/MS #(C
K URDT~ T AFIFEORER LI THRLAITR
o P-1~P-4 [T DWW\ Tk, &Rl H K O MBA
DFER AT, MERZ T TA OEHHIE TR
L7 DI >0 Th EREERERICAST v FTHIE
L7z, P-5~P-8 |Zak it & D B4R CHEfEHHH O 4 %
Ehi L7z,

MR E by MBI S BRHEE T —
~+ LB, TIC EIZE R 0.1 KD

PHETH o7z, P-1EEAANL 2MU/Ig & L7z
WER VI D TIC A2 0.110 T - 7213,
LC-MS/MS {EIZ X VG bi7cm 108 2MUIg A
OFRETH TICHEIZ 0.1 KRB TH Y, Bkl fE
INT=b oo T,

FERRH H K 2 LC-MS/IMS 1 THIlE L 7= 3k
HOFR DMK EX 6 IZ7T, HRM-A K Y
HRM-B & [RIERICEERL S O ERIL GTX BETH Y |
GTX1~4 T D 60 %Ll L& Tz, £
7o, WH oSy FTRISERERNE SN D
GTXU4 DHDFFEMEL E 725 DX/ 72,
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AR

Bt o 2 — i

%5 33 5 (2022)

S ER R BE B # HH R
MBA#E B2 o FAIESER  LC-MS/MSHER L YEHER Fy MBIESHR  LC-MS/MSHERLYEEE
BRES MU/g T/CiE B MU/g ugSTXea/kg T/ClE B MU/g ugSTXea/ke
P-1 R & 2.82 0. 042 - 3.30 507 0.052 - 3.54 547
2MU/g#R 2 2.35 0.110 + 1.80 279 0.075 + 2.32 359
boy Bk 2.94 0.017 + 4.10 630 0.036 + 5.01 775
2MU/gHE & 2.54 0.000 - 2.60 402 0.017 =+ 3.08 480
-§::1 3.06 0. 009 - 2.99 454 0.039 + 3.11 477
P-3 2MU/g#R 2 2.79 0.043 + 2.10 322 0.045 + 2.217 348
MU/ gH8 2 2.06 0.041 + 0.80 123 0.065 + 0.98 152
. 7.68 _
ik (QEER) 0. 000 6.65 1044 0.034 + 7.40 1156
P-4 4MU/giR Y N.T. 0.027 - 4.37 676 0. 021 - 4.69 714
2MU/gB 2.63 0.073 + 2.38 356 0.015 - 2.37 364
MU/ g8 2 1.97 0.084 + 1.10 157 0.046 - 1.23 186
P-5 Bi& 0. 000 - 3.67 562
P-6 ) - .
R # N.T. N.T. N.T. 0. 000 527 816
p-7 =901 0. 021 + 3.57 544
P-8 Ri& 0.027 + 2.53 382
N.T. : SBRINE 7 L
W GTX1 m GTX4 | GTX2 GTX3 W GTX5 H NEO
MW STX mCl mC2 W dcGTX2 MW dcGTX3 W dcSTX
5000
4000
3000
2000 .
- I .
0

P-3

P-4

M6 REABHTREBSWE-ASZSKREITHAOERIMEM (Bt

P-5 P-6

AR IRE - nmol /kg)

% P-1 HOVP-2 13 GTX5 O GTX6 ZHE L TV
X P-3~P-8 (% GTX6 =& LIz S otz

5. &6

OOy hEMERHLTRE T A28
LEEMEREOA 7 ) —= v TRE ERR LT,
b Ly TR B3I L AR LA 2 £ THER
N TN, o B AR TRk L2k
BT A ZilBhe UTHRETLTCRER., v FodA
REGERE2AOFBETDHE ATV == T LUL 2

MU/g CGREMED 1/2) TEMEHEE 7 < /08T 7 hE

bolo, ZOHEITIZEHATIZ R TICHEE AW
5L THEMELTE, T/IC fE 0.2 UL ETIHEME
(MBA THEZ) . 0.1 &¥m CHitE (MBA THEMED
D) Thotz, £z, HllMED U4 B4 THD 1
MU/g THHATRETH » 7=, MBA T2 MU/g LA
TOREE I3 mEORECT/ICMHEA 0.1 L4 0.2
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ARILBR B R o 7 — 8 55 33 5 (2022)

K22 bONPHR SN, Zhzihtts 42
L. F oy P TEBYEXXITGMEHED LA

LC-MS/MS 5|2 X D ik 217 9 2 & & T4,

KEy MIHBAOHZ LT % EU MIITOE=X
YIBREBICBOWTHMEHRES X b,

[E SEAFZE R RS 1B K BEERF ST« LR BERE O R — A

— VU TAR S TWD THREM H 5 5 00 %
v MCEBZAI ) —=v TEEAT =TV
version 1] 2iE, dbiBEKR VETFERTOFRY T
AL DFRERPEH I TN D, dLiEE TOHR
FBRAE R 40 fi5 TlE. 2 MU/g #5124 T T/C {13 0.073,
1 MU/g A834 1% 0.155 TH Y . 0.2 ##Ex TIEIW
20 FRTOARAEER 40 f5TIE. 2 MU/g HH
WO TICAEIZ 0149 TH Y, SEMEH L-%
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Evaluation of a paralytic shellfish toxins screening method for scallops
using a simple assay kit around the eastern Japan waters

Akemi Yamamoto, Asuka lIgarashi, Ayano Tanaka, Juri Iwadate, Megumi Shibata

As a screening method for paralytic shellfish toxins (PST) monitoring in scallop production areas, a simple analytical
kit based on oligonucleotide lateral flow immunoassay was evaluated. As a judgment method, the area ratio (T/C value)
of the test and control lines of the chromatogram analyzed by ImageJ software after the Kit reaction was used without
visual observation. Using contaminated scallops from the eastern Japan waters, the assay could be performed without
a false-negative result at a screening level of 2 MU/g, which is 1/2 of the regulatory limit of PST in Japan, at a kit
dilution factor of 40. Moreover, there were no differences in the reactivity of the kit between hydrochloric acid extract
and acetic acid extract. Samples determined to be false-positive or positive based on the kit were considered to be usable
for monitoring tests by performing confirmation tests using the LC-MS/MS method.

Key words: paralytic shellfish toxins, lateral flow immunoassay kit, scallop, screening, LC-MS/MS
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Analysis of temporal changes in pH of acid rain in Aomori Prefecture:
separation and extraction of seasonal changes and trends

Ryuji Hanaishi, Motoko Bodaiji, Taketo Jin

Based on the observed pH of precipitation in Aomori city and Ajigasawa town in Aomori Prefecture from fiscal year
2007 to 2020, the monthly pH weighted average of precipitation was calculated, and time series data were separated
into seasonal variations and trends. The analysis was performed using the Markov chain Monte Carlo method in a
Bayesian statistical method based on a state-space model. The trends for pH were almost the same between Aomori
city and Ajigasawa town. On the other hand, the amplitude of seasonal changes was larger in Ajigasawa town than in
Aomori city, and gradually increased over time in Ajigasawa town. The finding that the trends were the same at the
above two locations was considered to indicate that pH changes followed almost the same pattern except for with
seasonal variations.

Key words: Acid rain, pH, Seasonal variation, Trend, State-space model
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®2 FEABREDHER

A A FRE & 5 (%) IR
a* IEDAHE & D) ** 0.73
nss- SO+  IEDOFHBEH v ** 0.83
NOs3~ IEDOFHB & b ** 0.81
nss-CI IEOFEI S b ** 0.80
NH4" IEDOFHB & b ** 0.82
nss-K* IEOFEISH b ** 0.65
nss-Ca?"  IEDOFHBHH 1 ** 0.89
nss-Mg?*  IEOFEREH D * 0.20
*p<001 *p<0.05 n=l116

FRE DGR AT ORIEMHEERIRA 4 1220 T
5% A EAKMETERRT &5 - AT OFEL O R I
ITIEDOMBERH 5 Z RS T,

FFIZ nss-Mg? & B < FRMRHE IR A A4 12D T
iE. 1%AEAEE L CHIREEHAERN I, F
OFENRH D Z ENRENT,

ZDZ NS MRS ORI A 4D
FARRHICHE B AN RN L2 EO TEETH &
HHS OB EOE N EIC X 5 Y &I
EEOEH~OREIIRNZ L RBENT,

728, nss-MgZ DAHBAREDMEWIZ H D 57,
HEAHRAMEIC LV IEOMEENR S H LRI NN, Z
i, BN Z W= TH Y . SREIOHEBEERKD
BAIE, 100 3L E T o RN ExHEND 2
LR LT,

4) BEI0EROEEEERIAOEFEER
BEEICE AR

5 10 FEM ORI A 42 OEFH Y EIRE

B AR A EE 3 IR T,

£3 AHLENEE

P HarT fi 2 YT AT Hb AR
b

(meq/nd) (meq/m) ML (%)
H* 191 179 107
nss-SO,> 359 339 106
NO5y 263 249 106
nss-CI 44 41 109
NH,* 286 264 109
nss-K* 16 18 86
nss-Ca*" 120 112 108
nss-Mg** 7.8 12 64

TR H AR b - FARTI/S - IRETX100
2 10 R O IR A 4 DY EILEED

AEHMEIL, nss-Mg? % B < JEMEEE IR A A 2B 0
T, WRFEfRETH o7,

ZOZEND, BE 10 FETEAKF O N7
5 Ch D IR A 4 2 DG 2 TR ANIL,
BRI &5y IR CERRRRE S - 72 2 & 2R
<Y AW

72, 2014 F 12 AT — 2 &R< & nss-Mg*
DY EREEOGFHEIL, FARMT2 7.8 meg/nd, B
2 RET2S 73 meq/m & 720 | [RIFREEIC 22 5,

5. #Eim
) NV U=TEAT7 77007y Mok, &
AR K OB 2 IRET O IR IR A A > ORI
RO — AV ICBWCRIEBETHLZ &N
mENT,

% 7=, Hotelling OT?REIC XV | FEEHE IR A 4
v OMBCIE, FART LB R CHEZEN 2N D
ERFEIC R SN T,

INHDZ EDG WHKRRIKOEEE RV T-5E
WA S OREAKIE, A AT L ZADBEDNG,
HEASELL L7 R A R D 2 & DRI S iz
2) HEARBIRREIC LV . HART & B AT DO IR
WEIRO Y EILEBOEEBIIZIEOHEERH L Z
ERFEICR SN T,

ZDOZ DG, HEMEOZEE R BKEOEN
RECE DY BELEEROLEH~DEETE N &
DR X N7,

3) WE 10 FEOIEMEEIRA 4> D7 Y &Ik
AT FHET LB, RETCERENIRRERZ 572
ZENREINT,

IO ENG, WE 10 R TREAD G 2 TR

AT id, MRS CHERRIRETS > 72 2 & AR
=i,
4) FEEHE IR O B NI SRR A U7z AT et & £5 o
BB ST, R EIR A A i E ERD A
Zyl IR A A AT DWW TR 5D BT, R A
I OFENE B Z NS - IRAT L 0 & FRTTO
FFHBE L TWD D ERREINE,

x B
1) KRGUT | BRVER O &1
https://www.data.jma.go.jp/gmd/env/acid/
(20224E 12 H 1 BT 7 & A WlHE
2) ESLEREEAFICATHIERBREEAF 70 v & — | EE
PERRT —FZN— R
https://db.cger.nies.go.jp/dataset/acidrain/ja/index.html
(20224 12 4 1 BT 7 & A FHE
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1983.

4) AP FRMERAEATICIS U B A A Uk D R B

FEOKF— M) V=7 « XA T 7T LD)SH—.

B AR BRAE o & —HFJEHES, 6, 59-64, 1995.

5) EAEIRIED: HRRICBIT DR A A

KELRCARAT. AR BRI & o 7 — 4R, 32, 62-68,

2021.

6) C. R. Rao: Linar Statistical Inference and Its

Applications. John Wiley & Sons, Inc., 1973. (BELEf

—1E2 R - HERHAHERI & 2 D . BRAUHIAR,

1977.)

7) BEARFISE: HTHANE O 7o ORI T IE.

VAN H ARBREEIIE AT h 2, 1995.

8) BRIEA NEMkEE=4Y 7 FolxE (F2

W) CERc 134 3 H) .

9) [ e e 1E 0> MR O & IR A A4 (2B

T HHIIE. HAMEKFREE, 53, 364-372, 1999.

10) Excel 7 KA > 1.5 THAF)

http://www7b.biglobe.ne.jp/~hayakari/index.html
(2022412 H 1 B7 7 & AWl
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Comparison of ionic composition and equivalent deposition of acid rain
in Aomori Prefecture at investigation sites

Motoko Bodaiji, Ryuji Hanaishi, Taketo Jin

Two investigation sites for acid rain (wet deposition) in Aomori Prefecture, Aomori city and Ajigasawa town, are close
to the coast and the precipitation contains a large amount of sea salt ions. In order to investigate the differences in
composition ratio of non-sea salt ions in precipitation between these investigation sites,a comparison of the composition
ratio of non-sea salt ions in precipitation collected from fiscal year 2012 to 2021 was performed using tri-linear diagram
and Hotelling’s T-squared test was also performed. In addition, for equivalent deposition of non-sea salt ions, tests for
non-correlation and comparisons of the totalamount were performed.

The results showed that, across investigation sites, [1] the composition ratio of non-sea salt ions was similarin each
season and there were no significant differences, [2] there was a positive correlation between the variation of equivalent
deposition amount of non-sea salt ions, and [3] the total equivalent deposition amount of non-sea salt ions is suggested
to be similar in the past 10 years.

This research study suggested that precipitation at the two sites displayed similar characteristics from the perspective
of ion balance when the effect of sea salt ions was excluded, and the environmental load was similar.

Key words: Acid rain, Non-sea salt, Tri-linear diagram, Hotelling’s T-squared test, Test of no correlation
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FREEBICEITARETHA RUVAEPD PAH4 RIEHRER

HAEAR S

A L

HIAH 2

%t EU #iHH AR 2 7 A P OBEBLRYE OB & LT, 2008 EENHL Y [a] ELrolisE
fi L CX7=28, 2020 AEEMM S IRV [a] BLiiciz Ty [al 7o hoky, <oy [b] 7
T v. 7V RO 4AFEEOSREERRILKSE (PAHA) OBEL Eii L T\ 5, HARTIIRMLF O

Ry [al BLUroREFEIIRTEINTELT,

PHEGIHIZE A ER BNV EU, FERCHEE

TIEH—HORMICEEENRE VSN TEY . SETITAEICK L THEBEIREINLTND,
Z 2T, 2008 AEE D OXF EU B AR Z 7 WA AR RO L D F &R OE RTS8
D PAH4 OEEFEZEH L., ZNDHIZOWVWTHETHHDOTH D,

Key words : Polycyclic Aromatic Hydrocarbons (PAHS) ,

1. [ZLC&®HIZ

% B 05 & I R Ak K # - (Polycyclic  Aromatic
Hydrocarbons : PAHs) 1. FIZARA MR Eofk
ABEHZE EN TV EIWE TH D0, PR AR
2 OBREE, AMEHIC ko TH AR TS Y 2k
DHHNTNWD, ZDd, KRG YoUF e YL
LEOBRRBEGROE S b ST 5D, PAHS Ot
LTI, vy [a]l Ly (BaP) A& L<
HBNATWD,

PAHs IZRMETRMEN Z T &8 72 < . B M3 E
BT2ELHLEVZI ANV G, BARTIHE
YEEDFR T S TR, BaP 1Z[EER S AMFIeRE
Bl (IRAC) |2 X RN AMEFHICB N T L—7
1 (B MZKLTERPAERD D) LFHMESILTE
V. o> PAHs HIENADFHEMEDRIZ 2 ST
W5, D7, BEUSCHIE, #E & TR AR
NRTHNTNDH VI,

BT, BMOMTT (B oM, mER) | R

(RIS E B K & B3 2 L 5 ZediEl) o
WL, BREEHEOHEYRIZ L ) BT TICRMIC
EENY, BN CIHBECmMN T — X EmRa S
BaP LMz b XY [a]l 7> b Ty (BaA), X
> [b] ZvAZ 7 (BoF), 7 V-t (CHR)
ENRE SN ERRESN TS Y, £/, F
ECHEE T — OB MIC BaP OREME[ENRIT 5
NTEY | #EEOBIICKT 5 BaP OFEYERIT 2.0
ugikg? ¢ T 5, EU TIERER, BaP D F 0 JEHEAH

BaP, PAH4, EU

DR BTV 223, BIfET BaP HR O, BaP,
BaA. BbF }2 (X CHR D& 2 fE CRUEMM R T
LN TW5, EU DRHERE Y 2% 1177,

=1 EUICBIT2EBRDOEEE (ug/ke)

BR% BaP ZH;;
1 BRHE 2.0 10.0
2 AAFAERUVZOMIES GEWHsHt=Y) 5.0 30.0
3 aaFwviHd 2.0 200
4 BAOEERUVZOMISR 2.0 12.0
5 ANEOENRVZOMIS 2.0 120
6 ERRY IIRGEEDOERI Iy, 50 30.0

ZHE. MBLERARVZOMISR

1 KA (EH) 6.0 350
8 EFHRAITMIFEES 1.0 1.0
9 EFLRMATAHIRUI0-TUEREEL 1.0 1.0

%2015 4 A 1 BLBEOEESE

™A T A % EU g 57291213 EU O FL 7
WA LT bewn, 2okzd, 7%
P13 2008 £ 5 [k EU B HH 7K BE £ 5 o0 Bk 28
FEO) TPV, EUE=X Y U VAL LThRET
HAHD BaP DAL FEh L C&7=, LiL, fl
W LY, EU L BaP Hlofh, BaP, BaA, BbF
J N CHR DR EIZHOWT S 2012 48 9 H 7 5 i
BZHITHREY L,
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HATIE 2020 4E1C TEU A1l — A B o ffig
REXNEERT=2V 7 OFHEDRELIZD
W (BFRTTAE 12 A 17 BATSRA SRS 1217 55 4
. JCIHZE 4014 &, JU/KIAES 1182 5) I X Vi
AR RE LTI, ZOBIZ, Zid 4 50
ZERIGERIRALAKTE (LLT TPAHA)) OB
LT, INEZIT TEHERE D 2020 )5 % EU
W AR % 7 HA 2OV T PAHA Ml & FEhid 5 =
Llipolz, ZOBE, GRS OB RIS
WTH RESN7-729, 2008 £ M5 2019 4FE %
TITAFIZ 2 [F], 4 HiAS 6 R IRC BaP DA Dt & 5
i L& 7208, 2020 AEEE D IFAE 1Rl 1 Mg 1
FRAIZOWT, PAHA O % Ehfi L TV 5,

Z ORAEIZEB T BaP 13 2008 4EFE DB AREE) &
2017 FEFE D 2 FifA (0.0006 pglg) ZBRWVCILE R
TERAT T d o 7273, 2020 4EE7)> 6 Bi#A L 72 PAH4
DA TIE 2022 F£E £ TO 3EMOMARE FIcEH
WTC, BbF OAT R CTHREICHRISATEY, I
TEMUANTH-TH PAHs A EICHRIIEND
BN H D DRI,

F 7, FRETITASEIC L BaP OIEUEE A2 3% 1T
TWAZEHHY., mEZTHA LIS OEIEIZHON
THEEOEHRNAIETHZ L2 BN E LT,
2022 FEEICHERFIW CRIE N HET O
PAH4 O FEREFHE % £l L 7=,

AEEBENHDOREU =Y vV BEICBIT
DARET I A DRERE R KOS EEOLFH O
PAH4 OFREFMERZID £ DO THET 5,

2. REOHE
2.1 #=#

BN, HARRIE CHig I fExg s L,
BREMUSAHT S CnWizdilkof (38 2) % 12
BRI, BRAEBALILEE E NigZBRE Lo &
oz (FixETe) &L, Blnigicy— K7 m
Yo =TT L7=b0E e e LT,

72¥, RETHA 1T EU ORBREEICHE, T
HERE LM LR OEMEZ G L L,
2.2 HEZ
(1) PAH4 JRAFEAEA TR O TR 3L K O SR O 1B

BRI E L7 ¢ v ARkt O R R
747 F BaP, BaA, BbF, CHR fE¥E i % Huv 7z,

RS Z TN O 50 mL 287 T A3(Z
2509 MRV . T F=FY L ZMA T
WL, 500mL & L7z, (% 500 pg/mL)

O ES 1LOmMLEY, 7 h=hKU/LTIE
€l 50.0 mL & L7z (557 10 poimL), &R

R2 DHHR

T g
1 TEA sy iR
2 WY Sk
3 [E3=1bs i
4 ES A R
5 — v B3
6 E@3 5} 4 B (FE)
1 L% 5% o K (EE)
8 147 &5 - duigE
9 B AN g (hA)
10 A 5% o K (EE)
1" 7o B2
12 FAINIL g (hA)

AEEREE L, T = M) LV TEREART S
Z 1Tk v, 0.005~0.1 pg/mL o o K AR A
ERRIR 2 R LTz,

Bon-rua~ 7T A0 — 7 HEED Dt

BB TER L,

(2) 3%

I, 7 =M VRRKI e~ N T T
. n~Ftho =& ) — )V R OOKEREE T N U &
DNEY; 3 2 S NN I DR NS T
Wiz,

U BT T Ak Waters D> Sep-Pak Plus
Silica Cartridge (690 mg /1.6 mL)Z{# H L 7=,

(3) ZE:iE M ONHIE S

WE TS HEMET R s RRE s n~ N T 7

LC-20A Z I L7z, WIESRMIIR I D LB TH

Al
%= 3 HPLC BIEEH
SHtHh >4 Develosil PAHS-5 (Bp#11b=2@04t 5L)
A% 4. Ommx 150mm, 5y m
HASLEE 30 °C
FE-SEAE 1.0 mL/min- 10 pL
BIERE BaA, CHR  [i#Z 270 nm, 3 400 nm
BbF %2 256 nm, EJt 446 nm
BaP FhiE 384 nm, 3 406 nm
ZEHE A 7ERF=ZFYIL/K=T0/30

B: 7Ekr=tUL
T5OT Y MEH

B (9 %A %B
0.00 90 10
5.00 90 10

15.00 10 90
22.00 10 90
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2.3 HWAE

IOMTERELT TR AERBRIE - VEME 2015 2.4.2 %
fb&t I_vy [a]l BLr) AR LHE
LY, Kl1iova—Ko L0 FEiLiz,
TT ) INEG RS, ~F TRl L, Y
BIFNI=HT L THREL-,

A 20g (300 mL FRXZ7ZR3)
— EtOH 150 mL
— ZBK 10 mL
— KOH 12 ¢
INEETR (2 BERE)

s

1000 mL f»& A — M 2T
— 7&K 150 mL
—~FH2 100 mL
’kES Ga)

LB (NnFYURE) TE OKkE)
500 mL O — MZF89
| —~FH 100 L

&kES Ga)

LB (NFYUBE)

HE (NFHY U RFIK)

Bk (EEKEREENa 40g 2FRIEL-ASZ LYV AT LE)
ANXYUBERT. BHEZE 50 0L 7R T75 X3 TRIT

mfE (A—2)—INKRL—2—, 40 °C #3m F£7T)

BE (CUATILVIZHS L)
iRiE L LEESBRREEEAT L. AXH 2 25 ol TEH

mfE (=2 )—I/N\RL—42—, 40 °C EETHIET)

T RJITEREIZ2NL ET D

X9 PAHA IRAIEMER 2RI LT H DIZ W TE
Jitg U7z,

3. HBRLEEE
3.1 fA¥Eth PAHA RE

2022 FREICHENM L7 AR CHiE S -
HH 12 AR BT PAHA (T IR B S /e -
7z, (<0.0005 pg/g)

¥, WINEIGRER OFERIL, PAHA OKIHE &
H 94.0% & BiFChHo Tz,
3.2 KA THA & PAHA RV BaP B E

[FRE DA 715 T, 2016 4E (2 E i L 7= 12 Ffko
il L KON 2020 AEFE ) 6 2022 4E |2 Eifi L 7= EU
FE=HX VU TREICBITDRZT A HO PAH4A
DOHEFERITF 4, 5OLBY THoT2,

x4 KRETFHAPPAHLBIELER (2016 F£FE)
(BGL : pg/e)

M- A\JEE  BaP BaA BbF CHR
6  ND. N.D. 0.0006  0.0005

g &
11 ND. N.D. 0.0014  0.0006

iz

6  ND. N.D. 0.0005  N.D.

#h  =E&
11 ND. N.D. 0.0015  0.0006
T N.D. 0. 0006 N.D
£ 1 ND N.D. 0.0016  0.0006
) 6  ND. N.D. 0.0005  N.D.

ER
11 ND. N.D. 0.0020  0.0006
€ 6 ND N.D. 0.0006  N.D.
> T ND N.D. 0.0021  0.0007
T N.D. 0.0008  N.D.
w1 ND N.D. 0.0021  0.0008
XN.D. [(XEETIREKH (<0.0005 pg/g)

=5 KRETHAF PAHARIERER (1 i

=)

mn

(BAGE : ug/e)

1 HEBRARRARAE

2.4 FHMEUREER
FOMENSGRER L, BB O R OFR A S /] & 5
1 0.005 ng/g GRERVANZ & L C 0.05 ug/mL) 12725

FENIEE BaP BaA BbF CHR
2020 N.D. N.D. 0.0023  0.0008
2021 N.D. N.D. 0.0010 N.D.
2022 N.D. N.D. 0.0009 N.D.

XN.D. (EFEE TR (<0.0005 pg/g)

£E L LT, PAH4 LOE X T 0 A (B0 - R
m oru~ b7 AEK 2R LK,

_80_



mV

mV

HRRERERE Y ¥ —Ff 335 (2022)

S
(a)
400
3001 e
£
=
1]
2001 £
3
BoF %
100
=2 8
LR
o A AN e —
T T T T
5 10 15 20 25
- : F z BLEA
(b) £ t s
oo BaA g CHR 5 ; BaP
S 8 H 3
300 X f s =
£ S BbF 8 i
2004 ‘ B I '
| |
) K |
‘ | & 8]
I I VIR .
o] S/, PO (WA =
. . —— . .
5 10 15 20 25
in

2008 4F £ > 5 2019 A (2 E it L 7= MAIC BT 5
RETHA % BaP 1% 2017 £EED 2 Hi{A (0.0006
Hg/g) EFRWTCIEMH SN TE 59, [FEEIZ 2020
EENDOBRE (5 ICBWTHLT X TEETR
Rl CThd o7 (B TR :2014 4% Ti% 0.001 pg/g.
ZAVLAREIE 0.0005 pglg) . — 4. HiloiCimds & B
L 7= BaP LIS IE H Tid, BbF A% 0.0009 ~ 0.0023
Hg/g. CHR 23 0.0008 pg/g fiH &7z, BaA L\ 7
NORIBIZB N T ORI Sz o Tz,

72k, 2016 AEFEZIRIAR X T A > PAH4A 12D
WCHIE L7-AER (F 4) Tix, BbF 28 12 ik
12 ¥uf&7>5 0.0005~0.0021 pg/g #i i &4, CHR 23
12 #RAR A 7 B 2> 5 0.0005~0.0008 pglg BiH S
TEY ., 2020 EHED D 2022 £ DR L [FRE
DREM Z 7R LTz,

4. F&O

™A T H A D PAHA 1X BbF X N CHR N A EIZ
M SNAEEARH - 7=, SEEER L7~ E/H
VST CHiE S L7 12 RIBRO B 61
PAH4 [TV DIEHE b S o7,

RPN A S22 RERE (EFSA) 7% EU T 18 » [E 2>
HOT —Z ZFHl Lo kG R kT, it o
PAH4 213 0.08 ~0.48 ug/kg & FEH (AR ME 1%t
L. “H#cH TI%10.68 pg/kg ~10.75 pug/kg Td - 7=
LHEIN TV,

ASEOEFIZZ @M ERETH -T2, 7ok,

mV

800 g z : BEEA
" (c) BaA g - H = BaP
i1 1
0 s & S =
~ ]
S . BOF S
200 ” d | ‘
| |
I
[ I \ |
o JUJL i O, . W
5 L 25
(a) &2 T (EFmM)
(b) =% T +PAH4 SR &E#E i ARM
(GRBRiE LTO0.05 pg/ml4H)
(c) PAH4 BRE#Z#ER 0.05 pg/mb
K2 RE2TREBOPAHAI DT RIS A

T H A HORERE ALK D —H  H o R EE
VLD HSERVBETHY | RETHA 0L ORI
ITRBEDOBERIZE D LD TIT RN ERREB IR
7o F7-. ARIFERKL-HFHRLEOAEIC Y
PAH4 DG YRR T & BRI T,

B N
1) NEINRERLZEEZRS  BRMICEENDLI LR
ElfERALAKSFE (PAHs) 77 27 hov— |k (Epk 24 4
6 A 14 H{ER)
2) JERL = =—A, Vol.4 No.30 Feb.2014
3) BINZEE % (EU) : COMMISSION REGULATION
(EU), No0835/2011 of 19 August 2011 amending
Regulation (EU) N01881/2006 as regards maximum
levels for polycyclic aromatic hydrocarbons
foodstuffs
4) EMKPER « AECTFWESAHFE
— X4 (Fpk 25~26 4E)
5) BRM £ 5h 2 2 #% B (EFSA) : Polycyclic Aromatic
Hydrocarbons in Food! Scientific Opinion of the Panel
on Contaminants in the Food Chain, The EFSA
Journal(2008) 724, 1-114
6) JEAEIIEA - RMOKEER - KPEEIT @ TEU 7)1 W
H BCH OVt E e ONEiE =2 U v 7 D Fie
FORELIZOWT) (BRI 12 A 17 BAEEAE
BRI 1217 55 4 5, JCIHZH 4014 5, JUKIERE
1182 %)

in

REFR ARG R T
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720 (TRAOKRMXLY) ITEBBHEEHBN
—LC-MS/MS = &k B EEREDIEE —

H g )Y

HIAH 2%

TRAFE, RNT7 7% (T ha Rhxv, BT ITTX] &9, )JICKH2BPHEFERENRBAEL,
BEIXZ 7OMEERAELTBY, HATHLIHA, KEOE UBERREDTZD LB~ A Sz, #\l
FEEREE L7, LC-MSIMS |[Z X D EMEH B LT b R hX v v O—F WL — &2 B8 L= FikC
THREZEMLIZEZA, FEPEe LG [958 76 383 YT 2FE&0 TTX B E i, R
HH O BEOHMNEWMAMICH 572, A, BRERLZNRE L, v U 2AEERRECRDS
LC-MS/MS Z H Wit 2 sl BRIE AL L 72 D C, IR R 2Bl L 5% OB P HEFE R~ O 7255

W25,

Key words : pufferfish, tetrodotoxin, food poisoning, LC-MS/MS

1. [ZLC&®HIZ

HATIE., 5067 7285 UbpRAF
TW5—1T, BFEEETIMHRED 7 VEFHIZX
LEPHENPEAELTCND, FHEIERE LTT, &
#% 20 5y B 3 HERAREE DAL T L OO REE
W, EEOBRSITITFRNES THET 5 2
ELHY, BATEZ Z2BFFLEEHE OB %
HOTWDH Y, Zo7 7BYPHEOERIFRYE TH
L TTX L@ E OMATITEN T, AOBLEITR
1~2mg & S, ZOMRSILHFREA Y @ 1,000 {5 &
LEDRL TS 29,

7 TBHOREIZOWT, [REERE RS (PR
LFm) 1 NTiX. 7 7 otz ~ 7 2 DJEREN
WG L, BUEREE N O E IR ED T~ A%
MRk N [2EE L L TORERTWS, 20
REBREL, FEEFHME T 2R FIETH D03,
W RERHS AT RE 7R R A IR A FE R T A I~ 7 A D
WARNPMLETH D Z LITNAZ, B ERICED fi
B EORMES~ 7 AMERZEE IR T D 0T E
OFEN S D, ZO-b, dHF, BT, ERE
MOERIRMEZ A9 5 LC-MSIMS % i 7= ik BriA
NELFESINTND,

ZIT, AHEERNTRAELLY VHRETHE
BAOKISITE L, SATZBW T LC-MS/MS % A
WEREEAE LD T, BRPHHERORMN L

EBITHMEOMEIZSOWTHET S,

2. BHEEEOHE

2022459 H 18 A, BHNO AREATEND 70 1
BEERBE S THE LT 7 7 OFEAE &, F0K
—IFHIZICS DO ERFTED IO X FEDER N
B, Z0%=2 LI CRERINEE, B
Ll ole, BEDOBEKIER K ORI S, E
X7 7k pRFPmEWEL, 9 A 21 HIZHRMEE
Fr~mid R H Y | [ B, MERRAEO O YT~
7 T OB ST,

7 IR ERTIIWT RN B0 L Sh,
B EBREL T RWE s FEF0 T 2%
OFFIETHWIET D Z EITRMEEREN D,
ZDi=, BEFN 58 IR SN EAE S O
o7 7 O/BAERRICOWT ) BRI 59 5)Y T
E. IFESCIRE 2 1X CoWNRIT T T 7 72k
WTREMHZEE L. BT, TBSE|Z ) AR
BB OBENN RN ERDOOND 7 7 OFEE K
OERAL) (BAF TRIFE 1) EF 9, )&EED, BRAA
RE7e 7 7 OFEf & AL A SE L T b,
ok, BOMSIX, 7V OMEE, i,
FEEINC L > TR . F7z, Ak TR
SRR TH, BHEIZITWE O,
SIEEFOMEKE CEOBMEILE LWVEERELZRT,
Fio, T, 77 ORMEREIC LD ABEANL AN
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7 THEREZ 7] HHIMLTERY 87 AfEE;
STdlcix, 77H7IZET 2 Hamike. 20
WCHES L HWYIR BN LEL S5,
ARIOBHEFEFERRL T, REFTIC X H2FAEOR
B, BENEE L0 I~7 7] Offlgs #E
IN=N, BIERLICEDE =77 TR
EEINTWVDDIEIHAKROCREROARTH S,

3. REDHE
3.1 H#

TR A U7 I ER AL C & 97, RE R LA
BAK 1L(7 7 DfRA) . Bk 2(7 7O KEDE L) &
LTt 2 IR, ZhZNWCOL Lo T
WHREECTIA Sz, WK%, S£RIT LI
MoA ECHEZINTFCHBLIEEZA, BIE 1
OEZITEIER W TARBEED =R A LB O 2
e, IR 2 ORITITEE SO 2 Bk D'e L 5 #
BA-STEY, TOEFEDLE T —LOIZHYY
HZHDOLRsTND,

v — 7 O fEGREARE E LT, 7 ZIIAFER
HCThoTl o, ORI ZFHEOMRAE LT

ALz,
3.2 H¥oATALIE
(M AA

RBIZ XV AELERICEES>TWERY v
(BRIEFES  1-1) . bR L ER(1-2), &iC
DWTIHBITNC L > THEOF BN R 5 [ HEMED
B2 2R D ENE BRI (1-3) . HUEs (1-4) |
A (1-5) 2810 B> CAbERELOD 3 212, &
5 DI Lz,

Q) BRRUEL

ELIZOWVWTIE, KRESICLDMAEDETE
L1, e (HREL+EFEEL) (2-2), B L/
(e L 2 #0) (2-3) D 3 Dl2, RITHOWTIE, 2 K
DB TEAM (2-4) & B (2-5) . gL R
D (2-6) & FEADOIEM (2-7) D 4 DIT, G 7 DIT
Mo fe Lz,

ko Xoiz, 2nEnglv 5z o0
T, WA, Y THIEMERICHEA TS D o5
L7zb D%, REOE Ui, ~Y 2 TR L7
HOEBREIZHWT,

3.3 HERBEBROAR

BAEOFEIEX 1 1R d B0, Skl EIC
209 T oERELL, 0.1 %EEEE CTHiH, AR & OFE
L T b 7oA 2 LC-MS/IMS THIE L7,
TTX X9 R CLET S 2 L h . 0.1 %HE
feCHit Lz, £/, BEOe LOLEEIE, &%

NHETFUEEORBIZLY UL Vv
D8I L AL LI OERE F T 0.1 %EERE T
R LT, RAERBIEIRIT, LC-MS/IMS TOH|E
ERICTAR L, 0.25 %HEEASH 80 %7 h=1YU
JVTHIR LT, £DOBEICAB LEAE, 10mL i
ER L% 0.1 %EEE: CBMAIR L=,
0.25 WEEE S A 80 %7 & h= K UL THIR L7,

Bk 29 4HY (50 mL Tk
0.1 % 8 mL
RILT v 7 Z (% 30 #)

WK YR THNEA (10 43)
‘ A THE
1204 B (3,000 rpm, 5 43, 20°C)
| b 10 mL R Uik
TEA
‘ 0.1 %[HElAC 10 mL EA
FR (L5 mL F = — 71245 E)
—0.1 Y EfA T B AR
CRAENIFFA @ 2%, AUt L 5 {5 TEE)
3045 (10,000 rpm BA_L, 20 4%, 4°C)
|
FR (L5 mL F = — 71245 E)
—0.25 WlFHR & A 80 %7 & k= h U LT EAR
CREEAIT 10 A7)
A3 (0.2 um 7 4 VX —)
|
RBAIAI  —LC-MSIMS Il 7E
1 HEBRBRARAE

3.4 BMERAEEZIROAR

J1F % NRC #Hlo TTX PRIAFEUEYE (383
E:6.7420.24 pg/mL) % F 7=, TTX FRAEEHEY S
Z 1 %l T L0 fEA IR L7 b O BRI & L,
TR O EBRPE SRR T & 72 2.7 ng/mL~ 269.6
ng/mL O T, HEHEVEIK % 0.25 %EEEE S 80 %
T h= U L0 BRI LTI L 7=,
3.5 HEEOMW

BMOKFEE OFEFEFE O 3 R IR
it Fe 3 (EU ) A Bl 1 OAR 5 (A 3%
fEEHEZE) ] IS L. LC-MSIMS |2 X % vk H
LONTTX O—F Wb EBE L b, HeR
SIIHFZ DWW TIEZE D JF1E W& iz (1% 2),
728, 3.3 TR L7 iBRIAI OF SR 7 k1%, mink
D—FHEIZB T 5 HEE i, L0 EE)»>
TTX OFHIZE L7 FIEICK B L72H DO TH b,
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3.6 E—Y DR

AEIAWE TTX GRAEEYE CIXIRNENGR
(TR R E OYSINFAZERIR OB N T 5
ST ZEND, HIHRIC—ERED TTX UK 4
ANA T L, =7 OMHEREZITO> 2 & & LT,

R 1-4(5 O S 51) K O O #il B 2> T, 10 mL

{

TR LItk 0.1 %MERR T 2 AR L 72 ik c

OWT, TTXREN 6.74ng/mL 1272 % K 5 TTX %
WP 2 ASA 7 L, LARERRBRIA IR & [RIAR o

LTtz e Uiz, ORISR, & &b SIN=3

PLEov—7 itz L,

LC B
A& . Waters ACQUITY UPLC I-Class
3T 7 Z 2 : Waters ACQUITY UPLC BEH Amide

(1.7 um,2.1 X 150 mm), % — K71 7 A ftF
BEE : A 0.015%FfEE+0.015%7 > E =T K

(pH 9.0~9.4)

B 0.01%FWEH 70%A 5 /) —)L

HIERER 11 % 717 KR ;60 °C AR 2L

LY AN/ A de SN S

IRER (57) 5 (mL/min) A(%) B(%)
13 0.4 2.0 98.0
5.00 0.4 2.0 98.0
7.50 0.4 50.0 50.0
9.00 0.5 50.0 50.0
9.50 0.5 2.0 98.0
10.00 0.8 2.0 98.0

KBRIER LTz A Yy RENZTH T ba+picar T4 va=r 7%, AlllEMA Y v Ficiv Bz

MS #B

$E1E © Waters Xevo TQ-S micro

Capillary : 2.5 kV Desolvation Gas : 600 °C,1000 L/Hr

A A 4bE— K : ESl(positive,negative)
Cone Gas : 100 L/Hr

Source Temp : 150 C

MRM 414
Precursor ion Product ion Collision Product 2 ion Collision
Cone (V)
(m/z) (m/z) (eVv) (m/z) (eV)
320.1 20 302.1 22 162.1 36
2 LC-MS/MS BIzE &4
4. #R FHREEHSN, TTX 022 ug (NS5 Y2 &)

RBLDNAERFETHLINE INE, vV R2=y
F(MU) E WS BEALRZHWTCHE L, 22T 1

O, HERRENOHME L TROTev v 2| 2L 1
¢

RY, 7B, 10MUg 2D EAEmLHIES N

MU &%, RE20g D~T A% 30 3 CHRLESED 5,
) [ LS )
R4 KT
uglg MU/g ¥
1-1 WIWEH-ERY T 0.30 1.4 HEE G ERTREREOZD
ik 1 12 B HIFH LI EE 0.56 25 MR
77 13 & 014) (06 fEFH ([ RERTFRE N
(FHA)) 1-4 & i (0.11) (05) % A 0.27 uglg, #91.2 MU/g
15 & JRBM (0.09) (0.4)  fE3 BEOE L
2-1 RBrL 14.01 63.7 B9 \_ 0.68 ug/g, #3.0 MU/g Y,
22 L HFUREL+FEL) 12.10 550 597
Wik 2 23 L JN(lEL) 18.34 83.4 3% [BE] ARoHELLE 10 MU/
77 2-4 Fz EE((Bf) 27.13 123.3 =2 M7 10 MU/g K
(EVRUOE) 25 K RAEEAEEAEORS 12.70 57.7  59% 597 : 10~100 MU/g
2-6 2 ECRE) 34.68 157.6 # 7% : 100~1,000 MU/g
27 FZ OBEMI(Af) 16.66 757 997 %7 : 1,000 MU/g
=1 BRERER
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F9°,. BRIK 1oV TiE. BB RN L g
NHATHRE S, A6 S ER FRRMEARMT
HDHHOORINHER SN, 61T, TTX 13K
BEHETHHZD R v 70 bbBE I, W
TH 10 MUIg LL T CTh Y lEm & fE Sz, Z
D ENDL, HRIFEECEY ARICEATT S
TIXDBSFHNTWD EEX b, WIZ, k2
DR e IOV T, 55.0 MU/g~157.6 MU/g
THY, FE~RFICH YT D L HEINT 32,

Fo, OB EEMTITEmN R Y . B
D RISy O F & BEL L 72 BRI (2-4) J OVEE I
(2-6) MR Y T H2mWNENTH D &V iR
ThHoT,

5. B

WAT~RA SN BRIRICOWTHRA L2k R,
HAITER, KA LIIAEFE ThoT-, ZDf
Rix, #HESNT-77OFE [~7 7 ORIFE 1
=Lz, £, TTX 130 AR (oA
53D s TWAR, SR, FE 41T
FL T LIRER, B HIEMAAOK L0
MBRCOROFERELS . £, BTN O
DEMITLVENSTZ, ZOZ BT TTX
DORFNNHRY 38 D Z L DIRB I T,

6. F&H

7 JEIZOWT, LC-MSIMS EE AW, =7
A g RRERVE I D 2 Bl 72 M M OVE Bk & 1
HULTo, T ORGSR % Sk < 67 flt 5 fa il s B A v
EEELZEM L, S%O7 VBRI HEFRITHZ
95,

2
[ 3 47 B 1 BR B A i HEdE 25t 2 (BU M) 1
THRCE AR D IRHIEE ) | (RMOKEER) I
SN UAESE LT= LC-MSIMS (Z X 2 IE 52 v
TARMRAE % FEhE L7,

MEEMICHZD ZTBEHEE E L, B
BR F& 15 N K BERF ST - 20 WA /K PE B 06 i 28 P B8R
B S OB EE— AT L DGR L 1
JFET

3L ik
DEASEHE HP: AREFEDOY A7 a7 7 A )V A
7 75

https://www.mhlw.go.jp/topics/shokuchu/poison/animal
_01.html (2023/1/31 Bi%)

2) S BLIEth  LC-MS/MS |2 & A 7 Z a8k o TTX 4y
Mrk o W5, db W B St A& RF %R T

¥/, 70, 45-47, 2020
A NE: 7 7 DR TIX A EMS 7 73k L D
GIIY IR AN <[ o TN/ BE AN (A T ¢
H, 65(5), 224-227, 2017
4) fE AR A TR (B b R) , 813-820, A4kt
BN H ﬁﬁuuﬁ]’éﬁ%%\, W, 2015
5) 7 7 ORFERERIZOWT (BFI 58412 A 2 HER
#5559 &)

6) EA G MEAE HP: 7 7 O MR IC >\ T
https://www.mhlw.go.jp/content/11130500/000511004.
pdf (2023/2/14 F';E]%)

K E K ¥ K OHP: MR I o W T
https://www.fish-u.ac.jp/kenkyu/sangakukou/shimonose
ki_fukutuushin_0007.pdf (2023/2/14 %)

8) & N &kt : 7 7 mMRATEIZ BT D H#ED
fli FAb &M o BE. B AKEZS
76, 86, 410-417, 2020
9) AHE—fh: 7 7O FNME. &R H
a6, 48(5), 159-162, 2007
10) Boundy M.J.et al.: Development of a sensitive and
selective liquid chromatography—mass spectrometry
method for high throughput analysis of paralytic
shellfish toxins using graphitised carbon solid phase
extraction.J.Chromatography A,1387,1-12,2015
11) B HE—fh: BRI H AR & TTX JE D72 D
mHEE s e~ V7T T 4 — &SI
(UHPLC/MS/MS) ~ = = 77 L versionl, [E ~7.4fF 52 BH %%
BN JKPEWTIE - BEHME KPEBANDIFERT, 2020
12) 5 ) IME 7 ZHENRRA T 2 D504, LR,
B oL O A B RE . B K K E ¥ =
75, 79(3), 311-314, 2013
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RAXFHFEICERTETIIANTANS VRAFEETSIRITE Y ODER -
BRI T—4 0

Piaea)

faw.ad

FETA

VY

FEHIT, A KB K Y I B~ AT U A(CMB)RHE 1T 9 Microsoft #1: Excel D~ 7 & % 2021 4
FEVZAERR LTz, R Tl N A RERSIT — X fEATIC 5 72 ORERINT — X fEpkE &~ 7 o O#E,
HIMEIZ DWW TR~ HEICBIR S 2 RNFBE AR OPNRLTE OB OWTHET 2, AN T
. THMEELEGE E S X OVELELERE DR R 21TV, N XEOISHICHW S~ /v a 7EgHE T e nr
FEOHERICOWTHANE SN, FIE LT, WERIETHRITRREES > ZEE T 0 & A 4%
VHORAEPIENT 2T B, XA RERRE LT EREEGEZHZ bR LT, LEORFHZ LD, K
MFETIE, XA RJEICE D CMBHAEAZ L VBE LS ARRICT D ENTEREEE XD,

Key words : Bayesian statistics, Chemical mass balance, Time-series data, Dioxins

1. [ZLC&®HIZ

W INREFIRE & LT PM2.5 OHIED T
FiE, RHE OFRERN SR EHEE L, R E
1192 Th D, BERHTEIZIL, TRRERED
BRI ERAH VO ND, TIVET, HilEH CA
DOIEPHEEIIZ, VBT Z—FFLOHRT, FE
PR 5 B CEP RS MR 2 2 2 $ICBET
5 LW 9 R E & B W 7= Chemical Mass
Balance(CMB)" 150, AT OIE H 72 LIZE DL
Mk B L ONE D% 5 # K 17 % Positive Matrix
Factorization(PMF)VY £ H W H LT & 72,

CMB JEITREFRER 2 LB LT 508, ZOF#R
DS T2 A I BR BRI H Y O BB EE R S L
ROHRBEER CRAERT S E RO LD E VD
EERH D, ZOFENER 2 ST b
D3RR L 7o 23 AR EE T R O R TR 7 8L
ERFRAFIRE L 22 0 i B - BE S R 2R A0 72 il SR -
AR ESW RN R EIT LB AA LT
BT T Hrm (MCMC) JEIZ K 5 _A XHEE
FIELRIETIE L o TS,

FEHIL, 2021 P, HIARD O fREFIE Y
ZHAWD CMB ik flilgb LT, mEHLEHE C 5
FETCHLIE L7 DLL #H WA~ A 27 v Y 7 M
Excel ® VBA v/t L Ca—KL, 7—&E»,
DEEICCMB R Z T ARELZEX Y, =

O~r7 vk, NS Y I2XD PM2.5 ORATHEE
WCHWB T,

Lofal, EEPER LT~ 27 0D 95 b NS HF]
A LTERR8T — 2 ~DOIs Oy &2 i, £ 0
BOHBHLED THET S,

2. MFEER LT Excel ¥4 012D T

FROENEZ LU FICEEICERT 5,

AP 5B L ORI AR O L FREMAK & /<
TA=R L L ZIDHERER L 12 DA AT
NET D, HIRIE, NT A —FPRED A XHHIZ
DWTDFERFMAT E MRS Th 2 OIWER
i OMFHE & o £z 5 2729,

MCMC {EZAT D WIFERE DO TTIER B 5 O D3,
X T AV 7T OFETIE, NT A—XOYMIEE
HETEHEZ NTA—=ZIZOWTNERICZ DA X
FHELT D, T _XRTCDORT A —=HIZONTHEH I
TLEL EREEYDONRT A=y NI HNA X
W AT 9, 2N EME L CETTIIE, WS
~aZEE LD, ZHEEIOFTHER (wra 7
HEH 2 2 EAAT 5 B—d# IR L OV 7 5 72 B
MHEDE »~ b & HW 5 ZEEHEICL D) O
BEERY (FrThNafiy), BT ANRTA—H
DOHEEMBE T 5,
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3. BRIT—ADHRELBHOBME

LIZRT DI, FRINT —F %, BBbED
CMB FHREZO(LFFREONEIZ L=, flak 3
b, T—54% (Bf) DOFIC i“ﬁﬁmyf)%@
HOFNNIFEER 22 (ng/m®) 2 FEAT D, )
{LFFEDOFLIREE , —1THHIT T B iﬁf%ﬁﬂ?é
ZOTFIZIE, CMB FHETIIAWZ WA FEHAE
WIEHW P ORE (ugmd) 2tk 35, i
., HEEgEE LT, AICBINL, BRRYT—4 &
T 5, ZAVIDBHIIX, v 7 13t I E2RRYT —
2Dk Y LiRET 5,

Z DU —2 32— MZ TimeSeriesDefine &\ 9 LF
Y &E&Te4aiE D, CMB A 77 %35 ki
L e 7T LS HEFEHE L TimeSeriesDefine 73
U—2 = MOFHEHIZO U= MO—RKEek
R b, K2licz0X A TR T ER LT,
WRIZZDFAT 7T, CMBEIHEZDE DD
E (B 2 1A RYETHE, Mol LIFEL, burn-in
[, ZEESH LR, Mol & U EoRE) %
L TH 56 iR E L7z TimeSeriesDefine* % 5247 L | [HF
RINT — BN 0V v 735, v 7 2l IR
{LFEFREDWROT = v 7 2175 T b RS

T — B IR &G AAS, CMB R Z1T 9, A
& LT, WERFIT — Z T Tl fRtm I L7 %8
HEETa 7 7 ANVDT—7 — hDFED FITHER
EHIT D,

A B c D E G
1
2 2019/5/8 2019/5/9 2018/5/10
3
4 Na 0457 00014 0358 00014 0255 00014
5 Al 00874 000098 0562 000098 0228 000098
6 K 00963 00002 0201 00002 0133 00002
7 Ca 0073 00013 0257 00013 012 00013
8 |Sc 000002 22E-06 0000135 22E-06 0000043 22E-06
9 Ti 00058 0000067 00265 0000067 00113 0.000067
10V 000107 54E-06 000224 54E-06 000188 54E-06
1 cr 000031 0000048 000103 0000048 00005 0.000048
12 [Mn 000308 66E-06 00105 66E-06 000538 66E-06
13 |Fe 0077 00014 0341 00014 0143 00014
14 |Co 303E-05 14E-07 0000115 14E-07 00000549 14E-07
15 |Ni 00004 000013 00011 000013 00008 000013
16 Cu 0000742 B1E-06 000208 B1E-06 000123 B1E-06
17 |As 000195 25E-06 000266 25E-06 000222 25E-06
18 |Se 0000673 22E-06 000127 22E-06 000083 22E-06
18 Rb 0000321 71E-07 0000836 71E-07 0000483 7.1E-07
20 Mo 0000177 12E-06 0000496 12E-06 0000227 12E-06
21 sb 0000304 12E-06 0000613 12E-06 0000489 12E-06
22 |Cs 3626-05 28E-07 B23E-05 28E-07 0000048 2BE-07
23 |Ba 000116 48E-06 000378 4BE-06 000233 48E-06
24 |La 564E-05 52E-07 0000221 52E-07 0000105 52E-07
25 Ce 0000107 12E-06 0000488 12E-06 000021 12E-06
26 |Sm 76E-06 52E-07 353E-05 52E-07 00000164 52E-07
27 w 0000044 18E-06 0000358 18E-06 0000071 1B8E-06
28
29 |mass 128 235 157
30 |
3 |NH4+ 108 0002 186 0002 145 0002
32 INO3- 059 0013 064 0013 038 0013
33 |5042- 319 00022 504 00022 374 00022
34 [CI 0078 00017 0065 00017 005 00017

1 BRIT—EDRTLY FO— bRO—

CMB Option

AHNER
= _gj\jjgé@ DE-AG2Y

ok | wmpir-swn | WRIT oS-t

= ~F

F—AYhs NewSheet ol P I
N ! WNFEBREFRT

{EZFRRSER E'

TimeSeriesDefine
TimeSeriesDefine ALL
TimeSeriesDefine_2018_1126
TimeSeriesDefine RH 20211125

HEDERS W seitasiRT TimeSeriesDefine RH 2021112 :
i i X TimeSeriesDefine (2)
: 1 ZEL f TimeSeriesDefine (5) Ll
C BARGFATED TR
| s FRE O
SeiinalINECE G -
S S TSP: 129
C RRAERLHEE BABSRE
C AORERRRE :
C BEREROBIR :
e F?fiﬁw%ﬁ HrRHIE
X2 5 j 2 :
& g = i B
Percent Mass: :] I
Frac. Est. : :’ C
C IFAFSHERER
o]tk
e A R MOMOO A EEE
Cx72 = EEy | 2000

C X ABBERE)

H—EsEEEsy | 5000
LEaEEs | 10
10

MCMC step

v DLL{®MA

X2 CMBEtE~ Y ODEEHOA(7OY

4. CMB5tEH &L UEITEROBE
4.1 BRINT—HBITICETHHS

RS T — 2 AT CHID S B B AT 5

CMB FH R TIEMAWRWREF 5O R Z1T O (LA
DFH-, B B THNRD - TR ERT 5 (UK), R
%%éaw)f%éouF;ﬁﬁﬁéo
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4.2 OMB SHETIFAVWELWAIEEDHEZITSIE
FREOFS

CMB FHRE TR bR AEWROTEEE 6, LT
e, MARIZED CMB XD 1L

; =Z]Eij9j+wi<1—zjt9j) D
=1

Z Z T,

G i FHEOLFEREOBIMS A NI D BRI
GHER:OHATL - g (b¥FH/g U A), KE P

2z (ng (LFHE/mM) T, EEEEDN mypw (ug B

CAm)D L .

Zi

Gi= 2

Miotal

§ij i FmHDLFREDRAER T 07 7 A 1D jFEHR
DI 2R, FHREFORAL : g L Hl/g ¥ C A
6 1 j 3 B ORAP G (FKoT)

w; @ REFAEPICIT 5 0 % B O(LFRRE, 35
KD HNL @ g b5 Fl/g ¥ U A

n : BAEROK

Th b,

I, CMB #HEIZEE L T RWEFFREEZ S 1
%o TOAFEFEN ny FbH V| kFHOLFEFEOK
KSR DWED 2, (ug (EFEM)TH D LT
Bo INEEERE My (ug B CAMm?) TERY
He. ZOME =z /Meora (F. B AR OIS
FEOWREZFR L HAIT gbFf/gh CA LD,
Z o b FREPIBIRH SR < ETHUE. FED 0,
Th OB EREE 2T, a7 7 A LR
S (AL : g (bF Mg CA) THILIHA.

M = kO 3)
b,

LLEMNDS, CMB #HEIZER L T\ eWEFRE L
G TCMB HFREAZ R ML ATHIFRITTEL L,

6,
. o)
$ni-11 n; 1n; ||/9n]\|
= $i1 0 0 || 01 | (4)
k 0 0. Ga }kez)
0 fnknk Ony
L%, 22T, HETLILDOEH DN,

i FHOLAREDOBRERE (g k¥ H/ig By CA)
& JEADORAERICET L i FAOFHEDO T 1
77 AN (gt /g By CA)

n; 1 CMB FHRE AT O {L RO H+1

n;  FAEPROR

6; . j FERORER DL (HEKIT)

N : CMB FHEIZIZZE Lie\W bk FH OO
BElREE (g {bF /g By L A)

Srp - BADBRE (glbsfi/g By CA)

6;, : CMB FHEICITEE L2\ k & B O(LFREO S
B (7R IT)

TH D,
(3T, HEDORKF L LT

§" =Sk )
ELT, ZORBERET S,

WE., CMB FHEICHWAWMEREAZED T, B
EWENRD SO ET B L.

ni—-1 ng
Z(i+2n§<=1gﬂ3$@/g*ﬁll%u (6)

i=1 k=1

nj ng
0+ ) 6;,=1 (7
LD, TNLRMYLOTEDITIE, &=
1gfb¥ /g LA EBTFIXEIWV, T7bb,

N = 60r X 1g LFFE/g ¥y U A (8)

Thbb,

_88_



HRRERERE Y ¥ —FH F 335 (2022)
0 = ni/(1 g (LT /g By L A) ©)

CHNIZ I W ER D, Lo T, Y R AT
F|TF L7- CMB FEER @)L,

G

{ni—l

M

T,
{1,1 o gl,n]-
( : : 0 \
‘fnl-—l,l fni—l,n]- |
vl J

LB,
PLENS, CMB FHEATEE LML E 50
=BEORMBEAIROES UK X

nj ng
UK =1— Ze,-+29,; (11)
j=1 k=1

LEERSND,

S OO -
S O O

4.3 RERFSEOFHERERS

BT ANATESID, j & HORER TG O
O3 OWIFHE OUTEUE 2 KD THAPR T 5 &+
DX, ZONEE of L LTHRIT D, ZonE
AT, kAU KV RERFGOARHEIES UC &
EET D,

(12)

4.4 HERETIOEERFSH, L. LEATEEGH
EREFSA~

ZHUZONWTIE, WD Y IR & T 5,
WE(DARDOLIDFE —HE A, & LT, BERZANR
HRD i & H DL FREOREIRE GHREREO AL
gbFf/gt CA) #RT LT, Thbb,

nj
j=1

L%,
RICRAZEE 2 D,

nj
Meotar * Ai = Miotar Z Srij ' 9]
j=1
nj
= & Mot (14)
=1

Moty (X REZHP OHALEFEH T2 D OE B

(AL pg By CAMmY) T, A 1E, TOEEYH %
LM CATO i EHOFREORE (HAL : g b
fli/g B CA) THDIND ., EOFE Mygre - A 1E. K
[P OBNAFE D72 0 OILFEFEOPRRE (BAL: ug b
FRm?) Lleb,

WRTORAERFT G 6, 13, BERIREL O
Meotar 0 52T, ZOHAIT pg HCAM &
720 By CAREE & B0 OFHE R,

(14)7=\> CMB HEAUZE, KR O Rl B (H
A7 pg (bFf/m’) %, g bFfE/g By CADRITLD
AR T 17 7 A )L TCMBiFE RO 5 D & A
ThHY, ZOFEXTELNDFLIT, ¢ L Am?
DIRITCH FFO,

LIEDND | myprg - 6 13, HRERENILRET L
DHFHIZRAE S NI RAERT G LIRSS, 20
AT E Megpq - 0; 12, F72 2 BRR T
"HETH D,

4.5 ELEWHME

KA LD YIS Z X ET D L O BB L, 2
2T 1 6 IZoVT, W) 1E w; IZOWT DL
BYIETH 5,

_ (frana % 100) +1

6P = X 0.01 15

/ 101(n; + 1) (13)
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Rl RRLZEEOFAF X UERRBFAORERTIOI7ALEIVRET—4

FEAVRIRE (mg/kg)

ﬁ:'l\iﬁg PCP1967 PCP1970 PCP1971 PCPUK CNP1978 CNP1983 CNP1986 CNP1987 CNP1989 NIP1967 TPN1973 TPN1993 ?Ei%:
A B C D E F G H I J K L (ng/ke)
2378-TeCDD 0 0 0 0.0019  0.0051 0 0 0 0 0.000083 0 0 12
12378-PeCDD 0.0058 0 0 0.011 0.73 034 0.0019 0.00062 0.00027  0.000064  0.0000023  0.0000033 2.7
123478-HxCDD 0.0081 00022 00077  0.13 0.02 0.028 0 0.000023 0 0 0 0 4
123678-HxCDD 0.87 0.0046  0.12 0.0095 048 03 0.065 0.00054 0.0014 0.000027  0.0000051 0 9.9
123789-HxCDD 0.038 0 0.0046  0.008 0.17 0.13 0.024 0.00023 0.00052 0 0 0 7.9
1234678-HpCDD 58 0.29 3.1 038 0.13 0.075 0.0072 0.00019 0.00025 0.00004 0.00003 0.000034 200
0CDD 5800 34 12 1.8 0 0.0016 0.00061 0 0.000083  0.00014 0.00021 0.0002 3700
2378-TeCDF 0.015 0 0 0.0012  0.0048 0 0.0001 0.000015  0.000023  0.00033 0.00001 0.0000042 49
12378-PeCDF 0.0039 00038  0.0079  0.005 0.012 0 0 0.000038  0.000078  0.000054  0.000011  0.0000053 6.2
23478-PeCDF 0.0014 00018 0 0.0028  0.043 0 0 0.00004 0000029  0.000012  0.000006  0.0000054 5.1
123478-HxCDF 0.2 0.1 0.091 0.011 0.002 0 0 0 0 0 0.00001 0.000006 11
123678-HxCDF 0.031 0.018 0.033 0.004 00098 0 0.0055 0.000027  0.00016 0 0.0000071  0.000006 7.7
123789-HxCDF 0 0 0.0026 0 0 0 0 0 0 0 0 0 0.7
234678-HxXCDF 0014 00085 0012 00061 082 025 0.0028 0.00027 0.00028 0 0.0000055  0.0000066 9.7
1234678-HpCDF 46 0.64 0.96 0.052 0.018 0.0098 0.00042 0 0.000024 0 0.00014 0.000038 61
1234789-HpCDF 0.6 0.28 0.26 0.0053 0 0.0002  0.000024 0 0 0 0.0000075 0 8.5
OCDF 47 44 3 0.081 0 0.00063  0.00011 0 0 0 0.024 0.0027 170
£2 R1DCMBHERHR, F5E%)TRT. N AZICKIBHEREARNF CHEALL

Method A B C D E F G H I J K L
EVLSQ-ALL 0.055 -1.67 5.57 3.00 0.607 -0.932 2.27 -598 834 1080 -11000 94700
EVLSQ-NE 0.048 0 5.10 3.00 0.038 0 0 0 755 1400 0 1490
NN-EVLSQ 0.048 0 5.10 3.00 0.038 0 0 0 757 1400 0 1490
MLM 0.055 0.121 4.17 3.02 0.119 0.045 1.05 75.7 637 1400 72.3 4050

Bayesian 0.040 3.46 0 2.13 0.113 0 12.6 70.0 0 0 0 0
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