54

PMF £1Z X 2 M IRIZ 31T 2 B0 ISR (PMa.s) D 58 A= TR 2 - AT
(2017 AEJE)

BRI FHAT « IRARIRS - SSIRneE - HIRRE - AT SER T

Source Characterization of PM2 s in Okinawa by the PMF Method (FY2017)

Hideyuki NOHA, Tomoaki SHIROMA, Aya IWASAKI, Moriya TASAKI and Minako MAEDA

3=

2017 FPEIZFHE L7 T DU NRE TR (PMas) O iTiE R &2 VT, REMRL T X —F

TV Cd 5 Positive Matrix Factorization (PMF) {EIZ L DT 21T o728 2 A, 4 DORERME KN FE2MmHE L=, 7=,
FARFEMNT OFER, FRFIXZT OO LN D, “IRARMEES, B3k (i “RAERGEERE LK O E %
Eite), MEERI T, FEIMBRBERRE Y EHEER L7n. TWRAEMBEREIR 71, P OFELSRENK 5% EEmL, EERIER

FR & L TALEST b,

Key words : i b,
#T(Source Characterization)

I [XC&HIZ
WoIRIIRWE (LT, PMas) 1, RIEEAS 2.5 um LA
TE/hENTeD, ANOMRERNITE TAVIAL, FAZE

SRREXR R ERBICHBLZ KT TEANDH D & &,

2009 FIZERBEERERE D bz, ARRIL 2011 FE S
PMas OB B L O FRFIIE ZBikA L T\ 5. AR %
X 127,

F 72 PMas OFAE DRI EICE T 55 EO
FEEAe LR DI, 2017 EFED SR I & BRMA L
TW5h. ATV OHSHTIEE NN T, TR
45 B R FERLAY DS OWTIE, SMERFEIC L v Fif
L.

PMzs DFEAETRIZ DN T, JITE L 72 AR IR EE D & A R3S
VRO T HGIE A HET D L S —ET L%
WA TR TS, REMRLE T2 —F
TAELT, BEROKERE —OINELET, BERD
¥ (KT Z2RETHZEICEY, ZRUTHIS LTSy
HHR% A ELH 9 % Positive Matrix Factorization (VL F, PMF)
ERH L. AlENE, 2017 FE O RS AT RIER R 2 v
T, PMFEIZ L DRI 5 PMas OFEAEJRE 54T
EIT oD THETS.

I 7k
1. fRiatgs—s
T 24T 9 W B 07— 213,
ERER (n=56) & L.

2017 AREE D RSy 53 AT

_77_

WL IRE (PM2s), L7 % —F5 )L, Positive Matrix Factorization (PMF) ¥, J&4EIR % 5%

(1) FdHs (1)
TR AR BREEAF U R | (PPRRIR 5 2 F T A BY)

O s S prifmE s « s
O —HATRENER : 57

Pl AKS
Ex 1
L

TR

EN R
B A AT R
(SHFRFE k)

IR L e

AR

1. PMys D A ATRIE R R U ERERAERD
[

(2) FRAHIH

FHAIIENL [PMas DR AT H A BT A ) D ITHERL
L, 42, £F 14 AMTEBE L. b7V 07
REfEIIL, ZFAl 11 R DB B OFRTI0RFETE L. LL
TIEFICBIT REHNM AT L.

2 (2017.5.10~5.23)

HZ (2017.7.24~8.6)

#Z (2017.10.23~26, 10.30~11.8)

425 (2018.1.18~1.31)

2020



54 2020

2. RBHREC A

PMzs DffitEIL, AV vy h P2y bxzTH 75
(MCAS-S), &7 ZEHAIER I — e 24 H) £V TiT-
7-. 74V%1%, PTFE 7 4/v % (Whatman #) KOV
B7 44 (PALLFLEX #) ZfifH L7,

SN 7 1

VAK [WaRe e A
WE~==271] 2
(1) BEERE

IR 21.5+1.5 °C, FHXHLE 3545% DS N C, PMzs
HiERT#: O PTFE 7 ¢ V& —% 24 FERILL E#fE L7294,
MEEIT- 2.

(2) A A5

A Fvrua~w T T77EICED, SO, NOs, CI,

IREH IR (PM2s) BRSY
WCHERL L 72

NHs*, Na*, K*, Mg?", Ca? % & L7-.

(3) MEHTHRASY

TR B X BROHTIEIC LY Si &, B
fRICP-MS 712 9, Na, Al, K, Ca, Sc, Ti, V, Cr,

Mn, Fe, Co, Ni, Cu, Zn, As, Se, Rb, Mo, Sh, Cs,
Ba, La, Ce, Sm, Hf, Ta, W, Pb, Th 4 &Rt
ICEVHIELE.

(4) RFRS

Y=< NFTT AN TV H o AEIZL Y, OCL,
0C2, OC3, OC4, EC1, EC2, EC3, OCpyro #4Ek%ERt
AT RV BIE LTz, B ORICHIEZRITV, AR
F# (0C) KUtFERKFE (EC) U FoRIZ X v &
L7,

OC = 0C1 + OC2 + OC3 + OC4 + OCpyro
EC:E01+ECZ+EC3—Oprro

- JERE R OB MO

XU, £ F VDDA AT R T
ROFZKEEZTM L2, A3 T RCL DA A
FORA F B EREDOEGFHED 2R L7z (K 2) .
— IR REBER KRB OE G, A A2 NT U RAEET
L, 08~12 OFMFAICINED L ENTVD 2. K&
TIY, R THFALEFHHEAANICULE > Tz,

wIiZ, =~Ar7 =y —FF L) HERREOZY
PERIL LTz, ZOFTF AL, R TRWEOE B b
FKONDEER Sy & OBMREREHNIRD Tl &, L%
DOREICIB N CHITET — & 2> b E R E & HEE Ll
EEEREDZAMENTFMTEL LI HDTHD.
BEE LY BARCHE LEZETVERMEREINTND

~ A7 =YYy —EFN ()R 1T X AHEEE B
CEMNEEREOL AR LIER (K3, 14 8

X0 JERS

)

_78_

(2017.5.16, 10.24, 10.26, 10.31, 11.1, 11.4, 11.6, 2018.1.18
~1.23,131) DHFELFHFATH 2 0.8~1.2 6447
7=, NI HERAN LT,

HEEE B = 1.375[S042] + 1.29[NOs] + 2.5[Na‘] +

1.4[0C] + [EC] +[SOIL] (1)

[SOIL] = 1.89[Al] + 1.4[Ca] + 1.38[Fe] +2.14[Si] +1.67[Ti]

AFNRGUAR DN AT 0=y —FT )L EEA L
T, T—H ATV == T EITolt%, PMFIEIC X 5
Bk OMET —% (n=42) ZHRE L.

0.3

0.2

i (neq/m?)

i

0.1

=0.991

A A M RHREO &

b

0 'l 'l
0.1 0.2

BB A A v MR RRIE & FHE (peq/m?)
B2 AF2NSURIZEBBAFTUELVIEIA2H
EREGFHEDLE.

03

25

20

15

10

=0.987

O 1 L 1 1
10 15 20

PM, (D R (ug/m?)

25

3. ¥RV O—CH¥—FETFNLIZEKDB PMs @
MEBERELETEEREDOLE. Rbn x HIE,
LEREEHENDIED OB SR LT

#a

5. PMF {EIZ & B0 Stk sk E

PMF 51T X D RHTIZIX, By ORIERE S (Concentration
Data File) KOV OARHEFEMDT —4 (Uncertainty Data
File) 2B L 72 5. AERMBIZOWT, HH TIRER



OB EIE, B TIRMED 2570 1 TEEHAT. i
FEMT — X OFHEIFIEL, AR ORI T IRE & 3R zEE
BNHRDDLFIEL L, Bl TIRE RS 556 135K
KMEZRM LTz, E7BREREIT OV TIE10,15,20% &
S, ReidEmR A2 s L.

IRBIENT Y 7 P TCREN S ZBITHRET D 2 LA
T & % Extra Modeling Uncertainty |% 0% & L7z,

RENRLE T X —FFT L THD PMF IEIZL D PMas
DIFANRE AT D FERiZ 7= - T, US-EPA CKEBREE
RET)R Y =7 ETABLTWS Y 7 by =7 [EPA
PMF5.0] 9% vy, EEARMZRFREIL TEPA PMF 5.0 User
Guide] (ZHEMLL 7-.

Paatero et al. 973BH% L7= PMF¥EIC L % &, PMas H15E
SREDGE, HOHA, UMk 2RER, K’RAT
REINDHEF T EDFEGHREZOMBIZIHEST 5 &N
T&D.

14
Xij = Z Jix fxj + €ij @)

k=1

T, X WIOYIREE, 0 RO, § 3y, p
IHMTEICRET D Z N TE IR, 9 HKT0%5E
3, FITIEAEIROMAL, e [FAEM L HEEOERAETHD.

SHLIEEDOp EE 2, X TEZSND QEE K/
K#é%%ﬁﬁmibﬁwé.z

S xij_zz=1gikfkj

Q= ; ; ( Uij > ®

F 72 [EPAPMF5.0] TIIAM DES (£T/VIZEZ
HEBORNE E) % Strong (REEEMAZREL 2
Weak (iM% 3 f5ICFR%) |, Bad (&7 /475 ERSL)
D3 BEFICRET L LB TED Y.

Z ZTIESIN e, B8 VEE, T2 OB
EEBRELT, BELOFTEEZIToT. &Y I AEICHD
% K T BRAEATE O BIA A 2% D %4313 Strong, 2~
20% AT 1E Weak, 20%LL EiZ Bad & L7z, fEHTIZH W
TZMERER (n=42) OO B, A A asyr & TR
Sy OWEIFICHEMN & 2551%, A 7 VEEOR
VNG O TERE & V.

PMF EF VORREMER L LTHR LN D MO
LEORGEEE LT, Bootstrap I I VMBI L7z, T )5
WL, v Iab—va UROREER A SR AV TIT )
BT ANEO—FETH Y, BEROHEROHE %,
TSR CTH T Y v 7 LR O E 23595
ZETHETHTFETHD.

Y EolihciEo%, MrstRomsy (m=22) ik
E L7z,

_79_

54 2020
I #HFREER
1. WHOWRE
PMF B2 X DfENT LT, N7 28 p 2RISR ET D 2

ENTE DN, BRE LIED RIS Y Ao K BEE %
BHLLTWD 2L 5 0l LRI 5720 9,

Lo TLEDORTHE A1 LT IR LEFR ZITV,
BN QENPIUR L TWA DR T ANENH D .

MRt R e K 75 p 1, s 7e < Q(True) =
Q(Robust) = Q(Theory)z{ii7=ETH L. ZZ T,

Q(True)= (3) KUTEVFHHE L QK

Q(Robust) = A% RSN L CEEAE L7 Qi

Q(Theory) = EHE I x B4y ] — p(i+])

ThH5b.

FlHEtHE & L CRAZEEIA % 10, 15, 20% 12481k S,
OFEEHERIC R e R A T o729, Rr#k
3~10 £ TEL ST PMFIEIZ K BFEIT 21T\, 4 0IK
LEHE % 20 [T - 728D Q(Robust) D)2 % [X] 4 (27K
L7

A 745 3 TIERRAEEIS 10% DK, F7=, K756 5
8IZBWT, Q(Robust) DEE R H L, FHEMERPAL
ETHDHILEmpR L. W7445 K119,10 TIX, & T

DRAAERIGBEM TEEHRN L5% R TH o 7.

7
o [lmems
0,
P R
= —-—15%
=4 1t i TR 7 Gl wh R
S
P R/ Al SREREE
22 A AN
&
~ 1 _____________________________
o
0 * +* T T T
3 4 5 6 7 8 9 10
A% (p)

4, BEIESHE 10~20%23HE LE=BROREFHIC
115 Q15 (Robust) DZEEZE (%) .

WIZRAZEEIA % 10, 15, 20% (& (bSE, 2o, WA+
$¥& 3~10 £ TEAL S H 72K Q fE (True, Robust, Theory)
Ol E R LT (K5) .

— RN Q EIT/hSWIEE LW D, KFHp &
B9 L QI LTV 23, iREBIANKEL 8D
& QEG M L=, Q fifi(True) & Q fii(Robust) &

OTBEL, REBIAENRE L 21T E/NEL RHEMN
B BT,



54 2020

FREEIG A 10%LA FCIE, Q fE(True) & Q fE(Theory)
IR LTV RN Db Cidzaun Lol Lz, 2R 2EE
A% 5% DR, K748 7~9 LI B W\ T Q fE(True) &
Q fl(Robust)?’ Q f(Theory) L WTVMEZ R L7, £7-, 74
ZEEIG DY 20%DKF, KFE 4~6 0TI TIRERZRS
ERE L, QfE(True) & Q fE(Robust)iE, IFIX[F UfE
R LT T T OERYINH BT

Q fE(Robust) AT K OFEERIAIC L D Q fH A fFt
LTS, Bt R DB, MbT&iEE LT, RzES
A 15% (RF39) KU 20% (R¥F%4,5, 6) 25
N Y

2,000

1,500

QfiE

1.000

500

HF% (p)

—-Q(True), ——Q(Robust), S 10%

-4-Q(True), at A% E -4 Q(Robust), #EHIE 15%
-0-Q(True), =T 20%  —®-QRobust), AHEEIE 20%
——Q(Theory)
R 5. FREZNEZE 10~20%FE L-BROZEFHIC

173 QfE (True, Robust, Theory) MDIEH{E.

2. fROBARAIZ L PEDF A
BRI DONT, V7 br =TI ST
% Bootstrap {52 XV, FROBHAIZ S & 54 L 7.
ZOFEE, PMFETVORERR L LTHEON L8
WF—FNOEHE L WT =2 Ty 75T ¥ AR
O, HILWEIHIT —% &y FEHEE L, Zh%EiC Base
Run & [El—DKR T p % 52X CPMFET VEFEITTH
L D3RS . Bootstrap D FEFH[EI¥ A 100 [El, Bootstrap
TO%G-& Base KT DFG L OMAEMAFIT D720
DET Y > OMHBRIEOBEIL 0.6 IZFEE L7z
BefefiR e U CRAZEERIS 20% (K15 4) & L7zfihrins
BN, WEHICRENSBERMETH D L L.
WAIRIL AR L= & Z A, 4 Bootstrap [R5 itd
% Base A TICHEREYNICHI ¥ THATEY, 0 4T
D72 WA T Unmapped 13- 7= (1) .

%72 Bootstrap & E1TT 5 &, FHRTFOTrT 7 A Z
DWTHERS DRESH T~ DZ ENERDR, 20
25%fHE & T5%fE O U 53 (7 fEFHIC Base Kl FD 7' m 7 7 A /v
DEENTNDEZENEELWNEINTNS O,

Bootstrap % AT L7 R, FAIRDIEE & 72 5 s
ETHUSNEPIZA > T2 s, RIFZEL T
DML (F2) .

7% 1. Bootstrap [KI7-® Base [l 7-1Z%t9 2 AR

Base  Factor 1  Factor 2 Factor 3 Factor 4 Unmapped
Boot Factor 1 100 0 0 0 0
Boot Factor 2 0 100 0 0 0
Boot Factor 3 0 0 100 0 0
Boot Factor 4 1 2 3 94 0

s Number of Bootstrap runs:100, Bootstrap random seed: 18, Min Correlation R-Value:0.6

# 2. Base [ 771 7 7 A JWZET B4 547 D Bootstrap
PSRRI~ Y TIEE Y .

By Factor 1 Factor 2 Factor 3 Factor 4
PMay5 Yes Yes Yes Yes
ocC Yes Yes Yes Yes
EC Yes Yes Yes Yes
crr Yes Yes Yes Yes
NOsy Yes Yes Yes Yes
S04 Yes Yes Yes No
Na~ Yes Yes Yes Yes
NHy Yes Yes Yes Yes
Mg Yes Yes Yes Yes
Al Yes Yes Yes Yes
K Yes Yes Yes No
Ca Yes Yes Yes Yes
Ti Yes Yes Yes Yes
W Yes Yes No Yes
Mn Yes Yes Yes Yes
Fe Yes Yes Yes Yes
Ni Yes Yes No Yes
Cu Yes Yes No No
n Yes Yes Yes Yes
As Yes Yes Yes Yes
Sb Yes Yes Yes Yes
Pb Yes Yes Yes Yes

¥Base [A - % sl 77 A Bootstrap [K -7 &2 7 7 A /LD
P R FE A3 AT DT A A L C A > TV D 6 D1 Yes,
Ao TWARNEDFENoTAR L7z,

MTEVRHEE QAR & e DT KF - MR L.

3. WT DR
K1 DFREER Y EHEE S D RAEPTHOWT, KR T
AR SNy DEIE %) (LT, st &)



54 2020

g (6) . KT-DIEE 7257z,
R+ DRI LB R IRy % OE Wi, TEPA F 72 PMF EMEHTIC & 0 HEE L 72 AR D F 5 IR EE
PMF5.0] O~ == 7 /MZIFEH STV, PMF kOESHEE2mR LI (K8) .
BT, WF7m 77 A VORGSR OFE» S, ED
K1 OFESE A R B DN IRET 20NN D 5. Zof

3 YR R
Factor 1 (%, SOs2 & NH4t DKt ASTHE I E T2, 26% "
35%

WEE7 e am Xl Lz [ ZRARNIERE ) dsk e
HEIh-. A
Factor 2 1%, AWML U CHEJENEELTEY, 4% P
TR AR B A TS B T & AR o . I o
Mtk e
Al, Ti KO Fe OAMRHEAEN =0,  [HERT) 3k = AR PR

\ : ‘ Sl KOSIET
LHES . £, HEHIEST L—% 4 2 MZHk

4% Pb, Sh U Zn FOMMITH KL, HEHAR LT

DACFHEEOPREEC £ > THEH SN 5 TR (EC) B 7. PNFEREHTIC £ D RAERSFSF ().
DRFIRIC LD HERZE] OFBLEEIND. X
HI1ZNOy & CFF OFRHEASE <, [ Wk AERREEHL B O (a) 10
HAv#n) mROBEER T &R Iz, = 3
Factor 3 /%, Na*, Mg? & ClIrOARRT LA B 1T E K}
= 6
e, TEERIF) HkEHEESINT. i
Factor 4 13, V & Ni ORI A bl B\ o, (R o
MRKE] HR & HERE STz, R
100 0
st Factorl] ETY EE HE KE AE
O g 100
CH TS PN I e . (b)
80
132 Factor 2 ’o‘\o‘
£ 50 T; 60
L B E}
E 10% Factor 3 © ®
@
S e ™ T 20
;F:'( 50 p--—--98-----980--8®---""""""""""""""—"—————1
S5 te--W0wal--V---—-9---—-""""""“"""""-"-|
0 0 .
1¥ _____________________________________ Tooor 7] ETH RE HFE OKE A%
50 koo o] o% Oftt
25 |gogoooo N NN = b
0 Oiff ki 7

W SR (+ kAR R R O )
O A R
LBIDATNE Y Z 7 DR BT IE %)

B 6. PMFEFRTIC & B ERDDMEXILL (%).
8. PNF EARHTIC & U5 L =& RAED
4. RERTFREOME BE5RE (@ RUBSE D).

PMF BEARHTIC & 0 BEHH & M7= J R D AT 0%
BRAERUE (R7) . “HARRRELR 7134E 8
DI EIRA £ 35% L LR <, FERET & L
THEST 55, KT HIRFRT (e %R
R ORI S 2 &10) | MR T T,

ZRAERGREEER X, CEREAEE OB LY Zk
BINCAER LT-MEE T v E= T ANREFLE L TVS EHEE S
Nie. A E LT, EO MBS Lz 2014 FEED
SHTRERD LI RRY, BEFICBWTHFSENEMEHA

_81_



54 2020

ZaRLlz, T, BROariRETICEAE LIZRm S 5

DOFES 2K, —FFICEREIC R EEB 2N D.

THR T EOEAR T OFESERIL, EFELAFTEHND
M3 7 B, ERTHEDEROEBELEZOND. K
T OT M TR, EWA N R ERICE S OB
BON5ZEREMENTWD 9. AFICHEGRENE
WL & LT, ZRARMBESOEAGNFIZE 5 b0
LHEE SN, ZThHDRFIE, KURMERWEIZ &S0
B2 R T EHE SR E SN TND 9. KL TIRTH D
HEET = U MIKIEN EH35 & HNOs & NHs D7
AR E 2R, HA LR OB TRICET D Z &N
MHNTEY W, LFRTRIRIME KL P AME <
TERFELTWELEZXLNS.

WAL R 1 O % 5-HR1E, KEROE @A D
H B, Cl/Na M &EIZ0S LT THY, AR O/
(1.17) £V KIEIZFlEl> T, kTrT &1,
KRG OENEH A B 471 X 2 Wk 175 & O YasE O it i
(ZmYroR) iI2ky, “WRAERFT MY DA ELT
PMas FUIZHFEL TWD 2 EAVRIBE S LTV S 1219,

2NaCl + H2S04 — NazSOs + 2HCI (g)

NaCl+HNOs — NaNOs + HCl (g)

koT, Wk a2k, CLoREdn
ROLNT RSN D.

HIRBER T 0% 551, 2FMICB T 6%AM T
otz BEIHEREE T 5 NS Sk L HEE S hz.

V F&db

2017 FREIZFEH;ME L 72 PMas D ARG 53 HTfs % IV C
RENZLET X —FET NV THD PMF EIC LY T %
1Tolcb A, 4 SDORAEPRBRKF 2 L. Z0
FICITER O AR NREL TBY, fi7raktx kT
STBET D 2 EBHRARVRT b B oo, FATROEE
LR B Ay, Bootstrap 1512 & 0 EATRE BLS R RIS 22
TEINOBIEI R T D LI LT,

S BT SR OFE R, K112 O sy Rt
e, TIRARERERE, THEERI T (i RAphEE
W R O 5% &), MR 7, EMERBEM Ry &
He22 L7, “WRARBREEEIR 71X, FEBHOFEERK
35%&m <, FERGYRERE LTESIT bR,

LIIBI XX PMas DR T &2 Fa L, 7 — %4
DOEFEZITV, PMFIEIC X A HT O RS 21X 5 & 46
I, BEAEE OSHERZ AV CRAERE 5 ROREL
BTV RERH L. Elo@mnTHERER LR T
DIEAPFUZONT,  Hidk SO Sk DB % B8 L

T L T ZENEELEXD.

V SEXE
1) BREEA K - RRERER (2011) fUNRIHIRE (PM2s)
DI ATA BT A >~
2) BREEAK - RRERER (2012) R VIR IR E
(PMz2s) ppfliE~ =271
3) United States Environmental Protection Agency. EPA
Positive Matrix Factorization (PMF) Model.

<http://www.epa.gov/heads/research/pmf.html>. 2020 4F 5
A7 7k,

4) Paatero, P. and Tapper, UPositive Matrix Factorization
(1994) A non-negative factor model with optical

utilization of error estimates of data values, Environmetrics,
5, 111-126.

5) Norris, G. and Duvall, R (2014) EPA Positive Matrix
Factorization (PMF) 5.0 Fundamentals and User Guide.

6) fEHIZE (2011) RRET N H5i LvET¥—FT
b, KEEBRBEFEGE, 46 @ A53—A60.

7) HeEE BAE - SRR - AT - A5 IRERE - HIREREHL (2016)
TR IR 36 1T 2 B0 IR IR B (PM2s) D 38 AL TR 77 -
figtr (2014 4EFE) . hRILETAEBREIOTSERTH, 50 :
46—51.

8) [ARIT (2017) WEDXRRT — X R,
<http://www.data.jma.go.jp/odb/stats/etrn/index.php >.
2020 4F9 AT 7B A,

9) SAARTEN « EEHA - AORERS - 5 LHE - HRBUE -
JEAE—BE - PR - SRR (2014) Rk RARITE -
fE AR BT 2 =7 v Y VAR DR L
FEAETRHMEE. RAERE S5, 49 11525

10) Song, y., Zhang, Y., Xie, S., Zeng, L., Zheng, M., Salmon,
L.G., Shao, M., Slanina, S (2006) Source apportionment
of PMzs in Beijing by positive matrix factorization,
Atmos. Environ., 40, 1526-1537.

11) KFFE— - MR SE - AR (2007) & R RALHS
D PMa2s JRJE L ALAHALD 5 M OB R, KK
BRELAREE, 421 129—142.

12) HHE - ANHE)SERL - IIEEFRIB - A5 — (1982)
MPERR T OBYMENC X DRI 725 O 3R
ONLHE. AAR{LFREE, 12 0 1946 —1952.

13) FLEmBAE - SRR - K E i - AR - Bk D
(2015) HHBILIZ 31T 2 30/ R T IR B (PM2s) R 53 40
Br (2014 4RRE) . PRI ABRBENIJEATE, 49 @ 65
—68.



