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1.1 FRFOREMEGH

TR &%, Inm~100nm OV A ZFFHONREF D, BEPRE Y1 X5
12 50%LL ED b DNEDORAEEFFHANICED LN TWAMEFCH A1), F ki1
1%, VA ARIEFIT/NE N, @ OWE & B o TR RO, B R
MR HFFEZ R > T D [2-4]. B2, FFE ORI ORI IIFFE /2 K O
WY« RO T & 2. 30nm R DO%E, WMENEWHEW LKL, EENE
WIRWEZ S T & B [5]. 1E00S, tEZ2 R R 113, RN H HRRE/NE I
DL, BERE T BERE L, B RBYEOEER A A D B
TRNAF—PAT RN X —LREFIZZNLUTICRD L, BETH-T-HIE
WAt D& D, B p b E XV RLZEELRY, Sl RERBRE—A
Nt S TR RIRD W EZ RTBIR THL[6]. 2O DFRHEAFIHL T,
TR, BEE A, ERZEIRERT N AORE LIS, D
1E20>, T KA ORI EEZ R L, ki3 Eg s et o in T - fE iy
ISHED.

BIE, & /7 Ri1E, fbbEdh, 8 - ERE MG, Bk A0, RROEHK
fn72 EMRISWVGE THOWLNTWD . ZOMHEIZBWT, BARTIE, BEATE)
BOBRHZEBWT, MEIZEICK 0 EREKE Moot b ~T7 Y
TANMEESND LHRESNTWD. ZORD, HbMESNTWDHT 2 kiFIZ
H—Ro T T 7V B THD. Fig.l.l 1X2006 FIZ HANHESIN-F /) ~
TUTIVOREEEMEIOY A X (hifk) #/7”7. Table .1 1 Z&0EFOF /) ~TF
U7 NORRRE R[], F /R HTEAERICE O ENTW DR, B
W, N2 H8EENHLNTRVME L L HDH[89]. L= ->T, 7 /K
FTWANEZDEGEEDY AT RBRE~DOEELZH S 720, EESCEEICBT
LF R OMEEBRNPNETHD.

T R O L5 0B COEE R HIBO—2IZ, SRR EOSEHA IR
HENDHERT Y —|ZE& ENDLBERERIAZET B D . FFEERRRLE L CRIH
INDHT KA, BN RO N O&REIZRD, ZOMEERELIT O GE, Rif%
UK OIS 5. Lo C, ROk a e L, R0k E5 1

(
Z i ilfid™ % 7201, KA D, SFEIRAECRIE DL B D & 70 & 2 =R B G
5 EIFTRMICEELRHRETHL SN TN D.



Carbon black: 830,000 t
 Silica: 13,500 t
1000l .. ... ®Titaniumoxide: 12501 = «—=Nickel: 1,200t
I Alumina: 700 t
g
g 00 Zing 'oig;[d'e' T
= .
= ® lr()n 200~300 ¢ '
& Acrylw particle: 200 t
Q
O . '
B Dén'd'rl'nie}' D TRRRRER Catbon ianofiber: 60~70 t
: - Silver +inorganic partlcle 50t
: . Ceria oxide: 2~3 t@Polystyrene: 10 t
R T S N e
! Colhd platinum: 0.09¢ .
1 ' t -
] nm 50 nm 100 nm

Particle diameter

Fig.1.1 Consumption and particle diameter for nanomaterial (2006) [7].

Table 1.1 The status for application of nanomaterial classified by the fields [7]

Medication Food Cosmetics Electr'onlc Paint/ink
device
Carbon black O O O
Silica O O O O O
Titanium oxide O O O
Nickel O
Alumina O
Zinc oxide O O O
Iron O
Acrylic particle O O O
Carbon nanofiber O
Polystyrene O O O
Cerium oxide O
Colloidal platinum O O




1.2 KR - RLEDADER

1.21 KEDERE

T IRLF-DORE SITRAEL WV D RT A =2 TRl 5. KPR DSE, K
DTAER LR L L TERTE D0, B, BRLSS, T RIS 51K,
MAEAR 72 EOBATARIZIR &9, AHAIRTZIROEE L H D, 05, T /K
FATRRIC R G R S D . R Z Rl D8R, RARLZHEL LY, i
DREDRE SDIESNTLE I 2D, T /R DRE S i+ 288, BHHE
MR ZERTDVLENDD.

T R ORI EATRI S EAR LRI T DD . R FRORIEIE, =i
£, BREHBEEACHMAUERII T 6D [10]. AN L L, K+ DOILHER) O
OB R 2 FHI L C, MIERLT- & [R5 s 2 3 D AR MR 7 & i3 %
L TERINDRETDHD.

AT, S FHRREDERICOVNTELDD.

MATZAORIBRIT T VR DORE S LICERIN TS, 2070, Kb &
SHOWONARRIIEER TH S, HEHESRIIERERTH LN, RTFOEE
R EDERNEENTWRNWEYD, KifORREICE#E T 2 HRBICRT 5120,
Feret BN EWREZ L O Z 0D 5. EIRTARWRI AL, HIESIIC X > ThiZD
RIGWNRS D10, Rl D BEIIREFF ORI 7T, 8T e O IRz
NELD.

® AR (projected diameter)
PR 2 O TR ZRIE T 2120, Wi B2 A TSR ORI H S0
TRIZRZJE L huide b7, JIE EORKCEE N HRO X 5 R ERIC
FESRENHVON S, Figl2 3K RERDERL /RT.
@D Feret £ : KiF-OFFH & —EHED 2 KOVATRRTIT S L, T DOFAT
FOM OB E T 5 (Fig.1.2(a)).

@ EH KL « EHMNCERLA DO KIE 2R &9 5. Krummbein 22 &
HIEZN D (Fig.1.2(b)).

@ Martin £8 : EHFNHL T OREHEEZ 2 557 D850 DE S Thifkx &
#7975 (Fig.1.2(c)).

@ TFEMYSEE kORI L A CEEE R M OEE TR R Z EFHRT
% (Fig.1.2(d)).
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Fig.1.2 Definition of projected diameter.

Table 1.2 (%, ¥ B EME 2 FF Ok 2%t LC, BREEEROLNE2 2581
DT, AR Y ERIT KT D Feret 235 L O Martin B2 DR 2l %2 7~ 3". Table 1.2
NG, RE (R /NS X, Martin % WSRO D
DIZHWTHIRZAEES/NS WD, RERHENRE L5 &, Martin £ & T,
Feret LD ) DIRAEMMB/NSL 725, LER-T, T /RF+OKRE S &5
LB, WUNCER SRR ORI L Z RIRT 20BN B 5.

Table 1.2 A comparison of deviation between Feret diameter and Martin diameter for

particle with an ellipse [10].

Long/short axis diameter . o
) Feret diameter Martin diameter
ratio
1 0 0
2 -2.83 +9.83
3 -7.04 +22.8
4 -10.8 +36.5
10 -25.7 +104.5




BRSO R L LT, MU IO =ENn g ons.

® IRFHYEE
AT FHI S AT b I b B TRV T W ERIZIE T L TR & E 78
L. PR ERICEBEOROBER THREL X RT D56, FHRMEERME YR
(Equivalent volume diameter) & FESS. Riv- & [F URIHFEDERDELR Thifta £
IRT DA, HREAGERIHYSEE (Equivalent surface diameter) & FES. KL 1~ & [A]
CREBOROBER TR RZ R T 256, HFHERMMEERFE YR (Equivalent
specific surface diameter) & FE5.

® =¥ (diameter of the three dimensions)

B DA 2 TR &2 FF o6, Figl3 O L2102, 1 HOR 16 & 5 EfE
HEOMEHKREEZD., ZOEFKOEXL Eb, &S (BER) t2H - Th
FOHEEZERT D, PRI ZOEFEORE XL, WEb, B ItOREI Y
ELTERIND.

Fig.1.3 Definition of diameter of the three dimensions.

AT, SATERPRIEE & & BIS, RIEEARHMIC EIZH W S DS EIZHONT
W5,

® fHEEE

FYEAE, B2 BRROBA S LTET /L, HIERS & 7 2 Bk EE), 5
ZUE, MR OH DRF- LT 5 L X OEENZOWT, R OBENEE Z 5
I U, (8 C3EE TBENT 5 ROEB 2 MBI E T B L, £ DEREZ R
LERTD.

BIZIE, AT OH KT ERET 5 & & OB L RRREREE 26T 5



EROBERTRRT D56, TR YR £ 7213 Stokes R EFES. £
DIE7, B2 Z LIOEBELBL R I BE 3 2 Mie BUELAH 25> Rayleigh #EL
YR H 0, BIFEEGELYE (Dynamic Light Scattering: DLS) 72 & CRHMi S v 5
AR ORLF OILHEL G B 2 IR B M8 E, T/ B Ok EE AT
fllZ —RAICFIH S TV 5.

1.2.2 REDARDEE

TRISHENTT /K32 B0 FOESIRTH Y, —KAIZKRTD
R&EZFTH—TiFew. 772bb, TR TORE IIIEIDHDBH DH. + D04
ITRIE A & D . RIENARIEER, 7T 7 38 CREAT L kL, MY
REMZHNDFHERD D[], DD, 7T 73—k A & Fon
LHETHD.

BLEE AR 2 R 2121, ESM EBESMD 2D bR 5. HoHT
J R OREMORRAI DA EFFD. TORE ST TET X, xORKEE
Xmaxs W/IMEZE Xpin, PERORE IPxORL O Zy(x) ThbH LT H L, KL
BRx L0 /NSRBI ORBY )IEXA DD XY IcRT N TE S,

Y(x) =f y(x)dx (1.1)
L7eD3o T, RENx L0 /NI WRLF ORI 2RIz x LT HD 28 &
Q)T 2)D L HITEKT Z LN TXS.

Q) =Y()/¥ i) = | ¥/ [y (1.2

RA2DITRLEDAAOBESATH D, ZORBBENAIL Figld OV T 7 THE
IRTE L. BEELSAOBNITER T[] TH DA, —RIIZ[%] TERT. 22T,
BLEE AT ORI NG, Q)X 0.5 %9 DR A7 (median diameter) & '
S 07, KIESHOBEEMMIIRA3) DXL IR TILENTE .
dQ(x)

dx
[FEREIS, KIBES3An OSEFE A1 Fig 1.5 D7 T 7 TR TE 5.

(1.3)

q(x) =



1.0

median diameter

X

Fig.1.4 Definition of particle size distribution (cumulative size distribution).

X
Fig.1.5 Definition of particle size distribution (frequency distribution).

BLEE o3 AT 2 59 2 B, (1.1 ORI D Fry (x) 3 I OFRERY (x) 131 &2 T
DA U2 T T 6220, B 20X, DRIZBx DR ylEd 5 1 D X9 1Z,
PE S AT KGRI DT o 556, MEFEERIE 54 & eSS — 7, HIE
SRR OEREOLE, BEIEEDORLE /3R & WS, BI04 O FLHENR
KB THLIGELEETHILAED L OIZ, RIUKFTHo> THRLESARD
FERNELDZENDD. 20D, KESMERT &1L, WE LK 10K
FEAT DIEAEZ IR L E W70,

ISO 38 L OV IS #EHETIE, KIEDAq() E721XQ )XV T 7 T & &, hiJE
DA% g () E72013Q,(x) THRT. Z 2 C, riThiENAMOENHEL RIS THD.



KLY AR D FEENMESSEED LS, ridr = 0CTERT D, TSN, FSHAUE,
MFEELYE, (AR (B8 REOBAIE, rBEhEh 1, 2,3 TRBIT5[12, 13].

20D, FIUKRAIE, EECEEE R E TR M 2R T & &, RS
DFEWZ T 5. R OEH L OREE, 22 By () B LUK
FEEEEY, () TERTE, yo(x) Ey; () DOBHRITN(1.4)THRES.

3

y3(6) = = X o (x) (14)

L7228 o C, ARFEEERLIE 7341 q3 () B EEE MERLEE 73 AT qo (0) N DRTR T E 5.
Z DA EXAS)ITRT.

(x) = x3q0(x)
+ e 13 qo (x) dax

(1.5)

B OEEIENE & ARFEILIERIE /04 2t L CA L 5. RO R E SxlZIE#
DANCNED T & HARET D &, EEBIEAERLEE 5371 qo (x) & IRFEELVERL 5347 g5 (x)
% Fig.1.6 (\Z/R 7. RREHME CIIEEGEME I3 L TR D 3 TICELBIT D EHAMN
Mo TNDDT, FIFEDOREWTOBENKE 725 EBEME & RFEAMED
B A ORNZE LO X LN E T S, REEEERLE S DA TlE7e <, BRI
RSOmfEENER E, FHl T 2 KEN R D b KIESHONTZHRE LS RS,
L72i o, R 2T A BRI 4 2 YIS C 5 5E 5 2 it 5
WHENRHD.

do q3

ar

X

Fig.1.6 Difference between number-weighted g, and volume-weighted particle size

distribution qs;.



1.2.3 RFBRLTFE

T RLF DRLEE 5378 7T 2 12TV < D OREED B 5. il 213, Al
LT RALARITRL - ORI O R RAEZ ERT 5. 102X, R EE (mean
diameter), HAEFE (mode diameter) 72 ENZEF B D, D70y, EHRARIT i
HESHWONDRZREETHS.

® F#phiFE(mean diameter)

»DHT 2R ORERN O EFNEORL - T Eff LIz &, ZoHY v
TNDORIFORIEIRd,, dy..dy THY, dy, dy...dDORIFOEITZENEIn,,
Ny.. Ml 35E, FRBEOR DL Figl7T D AN T ATERTED. K
T OEEILMED FEPRIRE (EECFIR) i,

Zfﬂ”idi

(1.6)
f=1 n;

d=

EEFRIND.

REEF DA L7ohi 4 o T OB R+ KRE WA, Figl.7(ad kb X K
7T LaWUREETT 4 v T 4 7 TRUE, EOSARIIRA O RMER DKL
DA E LTHRED (Fig.1.7(b). 1.2.2 Hi TR L7z NZISO fZHEZHHE L=
BLEE AR ORRIETIX, W3R OfEREE TR T D0, EERITRIE S
ZRET DEE, M3k OB TRILGENH 5. MiEOHE, fHtiid 5
KISk U CRIA D% & BIROKIF DR DOEIG 2 BW T 5. BEOEE,
Meih Lo DRI L TR O a= R . F72, RS OEMBEILH Dk
B AEBEWT D, Figl.70)DGA, HESITREMMOHB L= 7 vicdh s
KLHN = 2?:1 ni%fé%j‘é.

Fig.1.7 ® X 51T, EEIEAERLEE 340 12 Fa ST PR 2R I BB £ & RE S
N, RLESAAOIRMEIL - T, TOIFh, £ FEHR, HEEHROY &R
728N, Table 1.3 15O FERIR &2 DR EZ £ &0 BH[11, 14].
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(a) Number-weighted particle size distribution.
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(b) Definition of characteristic diameter.

Fig.1.7 Characteristic parameter of particle size distribution.
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Table 1.3 Calculated equation of mean diameter

Name Calculated equation
. . . 7 Zf: 1 nl dl
Arithmetic mean diameter d=—%
i=1 "
. 7 f=1 n;d;
Length mean diameter d =13
i=1 1 dl
. 7 foimid}
Area mean diameter d =% >
i=1 Mid;
Mass mean diameter/ Yk nd
d= 1=1""1"
Volume moment mean diameter {-‘=1 n;d?

® E#HEZ(mode diameter)

b DREFIIZIBNT, DAEEDORKRE EEITHREEORKE) %
TR AR £ 7213 mode R E RS, Fig 1.7 O X 512, & Dk DRy
A IS IERIARCHE O B8, BT mode BITRIE /ST DO RAL L 220, FHpkL
PR E — T 5.

® HKEDIXHHE (diameter variance)

KIBEDREEDIEN D ITREDIES DX LIES, [ Eb o DRE & 2RI
WIZ, b b D/NT A — X2 TR OFEMER 2 £ T2 1T E MR (CV:
Coefficient of Variation)¥ & 5 .

Figl. 7(QZr LRI FIZB W T, filit L 7okl o 7L OFEHE R ZEs 13

1k ]
s = jmzi_lni(di —d) (1.7)

THRT. 22T, i LR FORBN DI REWIES, RO RMER O
R 2ol

1k ]
az\/ﬁzi_lni(di—d) (1.8)

ELTHRED. 2L X, KRN + 0lZH DR DOBOMRHI 72 eI 0.683
ThD. R OPHUL FIX R dIZR L TC2oDIEN VI Ens. LR
ST, KX T, BESMOIZLDES%E

§=20 (1.9)
TEHKTD.
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(T 52X SITRLE A DL DRESAIRRE S Z2RmT 0, A ANRRKRE 5
2% Z O ERIFEEORAEDIT S DX Z i D88, KT DILDN Y Dt
ETEL ST ZFHET 2 IIIRNE TH D, ZDL &, BRHV A XDk 1%k
T o720, EEREEHWONS. ZERBCV X

CV = (1.10)

Ql Q

o

TERIND. CV LIRS T DHL
X5 2 E OMXMEZFIRT 5.

EEOETHY, VFEREITHT 5

1.2.4 Z50B0RI T DRIE AR

FRAZISHT DB, K2 0BT 2560320, T K- Idud s o
MBEE L, RIS/ NS WD, HERAED K E WREDIH D, R/ S WIE
E, W OF KA 13EE LT WRHEDY B 5. T ORLF D431 - B D
Rtk 2Rl 5 72, mHEE T Z et L WO BERHW LN D, oHtE
EVE, I DR OREREEZ R THRIE Ch D . T R O R ENE
(T BORRE N R O & & HITEL L2 &, D WITE I3 5 T
DRENZ ETHH[15].

KL DNE U 72 R RE TR BEFIC 08 L 72356, & OMNDRL 153 — ROkL 1
(primary particle) & FES. Z3 B W VRLF-IXIRF R Ot & & b ISR D B IR
RENZEAL L. & D RIBEAMIN N o —URBLF- DRI FFEIC 3 L T, & DI hifid,
IZXF9° % CVED 10% K0 D%A, Zivd Ok IXHBh 1 & FES[16]. By
BRI D6, T ORESMITE— DM E— 7 28D, £ O oA 0 H3 kL
B, 5 HIEMES AT 5 (Fig.1.8(a)).

—JF5, HDRFRECR LT, EERRICRT D CV EN 10% L, Eogs, =
NS DRIAIT L5 Hohi F & FESS. Fig 1.8 X Hcki+ & 24 Bk D\ &7
I EE N R OB A, RRERGEIC LY, kiR ENEEE L, SRR
272 % . = OEHEMRIL kI 1-(secondary particle) & FE5S. F /2 R 13R 1 D EEE
R, KIRENENT 5. 2D & &, LRk DR 5340 % Fig.1.8(b)IT~T .
ERPRIPEd, 73— UKL D534 5 — 27 LISV, D B ORI K E W\ YKL 77(E
T 5. EORESARIEE DO E— 7 ZFREOZIENSHThH D.

EFIT D, BIRO CVAEDL 10% LA EORLF I3 BN FIZ I N D 729,
BIRIZIE DD E DR E WAL REDY A, R34 A MR B /3 A 12 72 5
0, FEEE, BRI IR A N B AT DG G B 2.

12



Primary particle

& o )
U After some time O Vo a

—~ o [ )
Onm O —> m@ ~
h L g

A ) ™

A™\ \
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C)(“\\J V
W/ Seconda
Mono-dispersed condition poly-dispersed condition

2 |
|

Number of particles
‘\+\‘
T
Number of particles
B
I e

_ AN

a 7 I
. Y d . 1 d
Diameter P Diameter = 52

(a) Unimodal particle size distribution  (b) Multi-modal particle size distribution
(CV<10%). (CV>10%).
Fig.1.8 Particle size distribution for mono-dispersed and poly-dispersed particle.

13 RS EHRIBAIT OB

BUE, T /R ORESAREIZIE, 2 < OREFINNH 5. RAEOWEOE
D, 230 OREBMITEERNEE & MEERERIZTT b,

BRI EE L RET 2 BT AL, EFBEMEE R &2 AW T, R0 kot
BB Z L, RifOBEBNLRFORE S (Feret £8, BN & EEIC
METE S, MEEEE, K232 Lo HEBRICET 2 KO YR 2T
M 25ETHS. Bl KA OINBAH S B2 ET 5121%, BiRREGELE
(DLS: Dynamic Light Scattering)°# G FHHBIEN & 5. Stokes 22 HET 5 12
1%, = OEERERENG LR ER B 5. DDy, i b IR 7R 55 A H
EEITERDEEEIETH 5.
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1.3.1 ERYERELE (DLS)

W BT AT ki3 7 7 0 v EEE L TRBY, ZOoEX 3k FORE
SNTRIFT 5. RIEDPREWVIEE, BENEL, RIRN/NSLR251F L, #han
WD, ZoLE, NAICL—E2RET oL, 770 EEOREITIET
LEELE DD S ENHmHTE 5. DLS 3205 E#mH L, J ki DRiE
AR A ET B[17]. F ORIEFRBILLLTIORT.

< JFLFR >

FIRA DT T U EBORG X EZRET S 70T H CHEBEBERE WS
5. LTI B BB OB E /R T 5[18]. Rif1E, & HRFRIHAICt = 02>
5T, £ TOMDT T v E O %2 Fig.1.9a)\Ird L, HOMBEBRETIH S
FEYERFR OB ORIA DALED D1y, Ty... TaOBORIADER D BEVDEENE
R OB L LTRT. BB O 7 7 7% Fig1.9b)IIRT . RO
IR, BRI OER Y AWVIT D7 72 b=, HOMBIBIEIIRR & & b IR
THREEE 72D, £, T OT T T L EBOW L SITRROKE SKFT D
7o, RIREN/INE L 51T E, R OYEBORE JEBFRED) 233 < 725, HOHH
FBABIE N O D &, KiAFDER D AEWVWOEEL 720, B AR OEE »
R&EL D, LIeh»T, HOHBEBEROBEE IR F-OItBREREE®RT 5. £
DTz, kOB CHBEEEEZNE XL, A N—V AT oA B
D, R OYERURE L KRR O BEN SRR A HETE 5.

DLS Xhi v H CAIREBIE 2 HE T 5 Z L1 LV, RS 2 HE T 5[19].
Fig.1.10 I DLS OHIEN 2 %2R, L= 13 B ik (R ik & BRE4
HE, RO T7T 77 E NI, MOBELLRAET D, AFEEHLAEID
Fhk a2 E T 5 &, —ERFRICRHEHTESLT 2 BELEIE, BUELIAHE
HOFTXTORLA N H kAT HEEDEOF & 72 5. B CAHBEIEEIE, #Elt
BREE L B DERIC B A HGEL SR OO L LTHRT. TOXELUTFIC
597[20-22].

G (1) = (L)t + 1)) (1.11)
R(LIDIZBWT, 6P (@) IFHEEL o B CARBIBI S, tiZARRERER, (I, ()L (t + 1))
(XL 381 2 BELE IR 1, () & REfE + TI2 81T 2 HELEIRE L (t + ©) OFE D
TV TN THS.
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%]

t=0@t:‘[n

Auto-correlation function

—_

T1 %) T3
Time ¢
(a) Brownian motion path of (b) Auto-correlation function.

particle.
Fig.1.9 Concept of auto-correlation function.

k;: Incident light direction
k: Scatter light direction Detecto
q : Scatter vector h

0 : Scatter angle Lens Q i

Correlation
analysis

Measurement arca

Fig.1.10 Optical system of DLS.

DLS |3 L7 A CAHBIRI% & % = &7 o Mg CRIZRZ 74 5. LLF X
X2 LT MEITEZRRIT T 5. BELDEITREE & IRIE O B CAHBIBIE DI, #EL
RIGITEBE DA T AT DRET D &, BEDETRE O B CAHBERE%G @ (1)
&L D E S OARBIREEG D () 1XX(1.12) O BRI AT B 5[23,24].

G@ (1) = A[1+ B|G*(1)|?] (1.12)
R(1.12)1F Siegert K EFES. Z 2T, ALBIFHIET —X D7 4 — KXXv7I12B
FDERNT A =X ThD. i1 ORENE—OEA, BELEOES OB %K
GO,
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|G1(7)| = exp(—T'1) (1.13)
ELTEW., 22T, TREEERTHD. #ELEOES OFH B2 —FE 5Bk
FIZIR L, £ OWBEEERT ) ILHARE D KD 5.
KA MERTH Y, KENE—OHE, WEERT & LHERED OR%R %«
(1.1 7.
I = Dg? (1.14)
Z 2T, HELRZ gl
4tn (0
q= A—()sm (E) (1.15)
E7e D, QIEEELAE, niXBEIEITE, 1EBZFO L —FOEETHD. JERK
REIDIZ, T/ Kt ONEPRiR (JEBUEREBHE 4 E) 2B T 272 DI R HIE
NRIA=HTHD. WEEHET X, ¢OW@Dr T 71, #%iord0 (1.17) Tit
lan 5B 5RO B, HIEEEOERICE > TEE Dq2HWT, JEHR
BDONHEH IS,
JERAREAD &, RIS ET B AT UV — OB En 3 v, A h—27 &
—T A v a B A R[25]
kgT
d= 3nnD
N ORLFOYEEA SR AZRETE D, 2T, kgldR Ny~ @8, TIXEBED
HxHRETH .
PRI — S 2RO Z & D, WEEMI L oM ERDS. ZO%A,
CO@MBIERD D7D, LFOLIIZF 2T MEBEZITH[26].

(1.16)

1
In|G*(7)| = —FT+§u2‘rz—~~ (1.17)

WEIL, N(1A)D 3 RELUZZYVIEETSH. 22T, widF=2b7 2 MNER
KO 2 REDFBTHD. TNIFHRERELEW®RT D, uy/THIRRD 3 &
PR %

PE LTz T 2R ORBEDIL L > E 27+ BRI, @ik LT, KX
(1.17) OERZEIT, TOFEETHHTZRDT, 51T, GHr) DMy E1T
I EIZEY, u,WEDLND.

X2 5T MENTTIE, RIROIEX S DX 1EZ 5 BFE B (polydispersity index, PI)
TRY. ZoBfElx
m=%§

TEHRINDH[20]. 22T, EBERXO 2 REOHREu, 1T

(1.18)
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uy=(=T) (1.19)

Thb.

¥ a2 b T MRENTEIC X DR 1, kiR & BB ORI E A & A 7a L
TEHEH LD THD. R R2RESBUCEWZE, PL /S22 0, BELE
SRS D U 7R A ORI L F L2 b. ISO OBELY, DLS T
KLE AT 2 5 B BR, B3R D PI 2% 0.1 LLF T tuiE7e 5721 [20,27]. PI
23 0.1 LLEDOBA, ki1 ORLE 3 ARE N A <, DLS 12 L 2R REIC 13 LT
72\ [28].

<F >
O FESERFE CTRIEDAR 2 HE TE 5. HIEEEOBIEL G E 6
DB F oy T CRIEE /34 2 E T & H[29].
@ BB WRIE S AHE DS, HEARNENEHR TE 5.
@ WP ET 2R+, BlziE, A7V - L2EEHETE 5.

<R >

O IEREREPEEDREE LR D JEIT RO ER N VB TH 5. JERREHR ST
R(1LI)DA =T AT A v vaff ANDEHEINDTD, AT U —
DVEBIEMPMLETH 5. BE, 2% < ORESAMEEITREEOREE & T
FRaEAZTHES T, EEREORESCETRR EOFHRAE AT LT, K
BEMHTL TS, JIE LW A T U —OREEE & EHER IO RERE ORI 3%
WL 256, RRMERRICIREEL 52 5.

@ MIEAT YV —DEEICHIBEND S, ATV —IZ8FEN DR T DEEIME
B, BELESEENCR Y, M TX e o MERD S, Fiz, ki1
RENEWES, BEL LB E TONEEH ORF TR UMHGL L,
Wb DL EBGELA AT 572030, 31], FEH L -MBIEE %I (1.13)T
ETMMETERLI D,

@ &4y Hchi FORIENNEETH 5. K12 L D EELDEISKIED 6 Tl HAH$
5H720[32], A7 VU —IZE&ENDRLTDREDIZL DX NBRKE WS, kL
BNREWVRLFIZ X DEDEN R 720, KRR/ NS WKL IZ K D EELE
W7 RS, FREBRETERLRD, ELWRLFENHIE CE 2
<D, LTeRnoT, RESHOREN KN/ %, DLS TlE, —hit
ECRRTNEENDE2 AT =%, X (1.17) OXF =T MENTT
WRLTE RN T8, ZHhL T ORI 34T ORI E DS EE L.
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1.3.2 ERRITIE

HHEFRNTIE L, d < P ORET SN TE IR DORAERIE T ETH D, £ DRE
HO 7RI B ESE B X B TH 5. B IEMEIE, L—YofRbviz, &
e DER] & LTHWORD . Bl D RN EW D, EFBMEE
TSR LV sV R A RS, YA RV T I e b A=A
— X — DR FORELHETE 5. BB, —AICEAE BB
(SEM: scanning electron microscopy) & 12 it8 1 % - B #E(TEM: transmission electron
microscopy) _FEEENH 5. LATIE SEM 3 XN TEM OB 253 5.

< JFEE >

Fig.1.11 |&£ SEM B X O TEM D& 2774, SEM O34, bV IZE
TR B KV N HET KV ONEBEDOE AR 2R L, %@ B ARNER L
R, BEDRA A N L AOFHREIC L VRO D, KO E SR IT
BLE—A LS, B — A0, FBRmICHE LS, %%ﬂﬁﬂ%@@ﬁ
nm QIR ATH. RALEEFIL, EENORTEEREL, JEns K

BN END. SEM I, B E— Aﬂ%%LK%WW® REFZRH L,
BRI O R E8 2 BUS T & 5 [33].

—7J, SEM LiE\, TEM |Z, BT — 2R E 2 BT A5, k2 FEE L
TcBmmE T ERM L, ZBRE R EEISGT 5. Figl.llb)d X 52, EFHILL
Bt kV O E kV OBETFREBHNT L. TOEFREERL A TKS T,
BRI 2RI 5. Er2EHIEZm T 5720, TEM 1L, &VWIEE LD 2
EHTHY, BB LHE nm BREE TICHSIELIRENH L. b2 ZmT 5%
ic L X, AL ARBE L R L > T I N-EF v — L5280t

IZRRST 5. TEM 1L, @EMRICIRE S BRE OB BE R L, 3k
D _IRILE & HUS T 5[34].

HBE, SEM (%, nm OfEREEFFD, E nm > 580E um ORLF-N B2 T
5. —F, TEMIE, SEM XV IIHEENEL, BFE—20EEN/NI W
W, RN E <, Bt nm ORI BIEETE 5. SEM X° TEM & W7ok O
ELEERND, RO (Feret £5, MAEEYSER) Z22BWETDHZ LI
X0, F KA OEEFEERLE A Z T TE 5.
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Electron gun Electron gun
Electron beam

(primary electron)

Electron beam

T \I:I
I:I: j: Condenser [— ’ ]
Condenser — —
b‘ —]
\ sample
Deflection Coil
=< < ~ Objective lens @
Intermediate lens N
VA Objective lens g M
sample SE Detector Projector lens g y
Secondary electron
(SE) Image
analysis PC Fluorescent screen
(2) SEM (b) TEM

Fig.1.11 System of electron microscopy.

<KL DE & RBLEE A O D >[35-41]

AR IE CRIE SNIZRFOBL, 1E0ORIEEE RS &, ki 7L
BN DT, R OREME D 5AG & RE O3 H & ORISR 72 1MF D O
MR DD, LIeh > T, PER & PIERE & OBIfREZ ARG D LELRH D.
Z OMBEIXFEHE CERR) OXEHEEDOMEIZ/R 5.

& DRI ORIRITIERDAAIHED LT 5 &, Mt FOMmiN o, —IZIEHF:
EHN, (w, 02) IS Y T AnfEORF 2R L7 & &, WIE L7 EARiRRd &
FHju & OfRIREEe = (d — p) /wtTIEH 53N, (0, 0% /mp)ITHE 5 . [FRUKIE( —
a)D b & THIEMBEDOFRAE % eg INIZHN 2 5 T DI B e e /N o 7 /VEIN I3 LA
TOXTHEZOLND.

logN = —2logey + log K (1.20)

K =ugo/u (1.21)
ZIT, ulHMEBUKEN - )T AEEERSMOETH L. £ T, FiF
BV IRHEEBL i & & DRI T (Inx € Ny (u, GEITDWT, KR I (j = 01
EHOENRE, j = 3ITERAELKT) TORROFEE, = Ynx/ ™ /Y nx/ IZxF L
T, XA2DIFUTORXTHE A LND.
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KJ = u202{2( + 1/2)?c} +1} (1.22)
=2 C, AR HEEEIRIRA,(j = 0) & EERIRd,(j = 3)IxF LT, KIEE
nE,

K° =udoé{at/2 + 1} (1.23)

K3 =u20c¢{4902/2 +1} (1.24)
Thb.

B2, RATRHEIR 720, 2% 1.5 OERIRKLF 2 B MITIE CTHIE L7 & &, 95%
DOIEFEKHE TR Ee & 5% LA FICH 2 720 & & OF/ NAERL 7458 % R T
5. BATIEHER Zo, & R HER 220, D BIFR
0o =Inagy (1.25)
, HE¥ERZZ0, 1L 0405 THD. K(1.23) & X(1.24)0°5, KOLKITIFNTH
onm%koww%fkézﬁgEﬁ MRS i@twﬂ%?%é#%%ﬂ%
E LT, NA200RANT D &, (EFECEIEL IR & B B PR 2 5~ 2 7
@K%&%ﬁﬁ%ﬁNm%hﬁﬁuzwénaN%4m01%5.
PADIXOE2ENRKRELRD &, HOHEBAETOHEIZLELRRFHNITZ
<725, F-, BEREEIZZH2WEDOTHFHEFHRE BNREWT & HH(1.20)
~3 (1.24) bbb, SHIT, K BIRORELZZ 2 5L, FFERIRK D%
&, BRIRRL - L0 & 512 y<®ﬁ%ﬁﬂ%%f%é’Mm14i%hﬁ%@@ﬁ
1%& EEEVHRE TN T A1 MBIk e LD 5. FlxiX, &M
AR R 2 0,=1.40 (BEYE(R 720=0.336) OORL{- O EHECEEIRIR 2 5H 3 2 B, 95%
DISFEILHET SW LA T OMEZMZ H7-0121F 184 HOR RN ETHD. F
o, BEVHROGEIX65THPAMLETHD.

Table 1.4 Number of particles required N°, N3 for arithmetic mean diameter and mass

mean diameter measurement (P=0.95, u(=1.96).

€ g o N° N3
1.10 0.095 14 17
1.20 0.182 52 93
1.30 0.262 109 284
1.40 0.336 184 657
0.05 1.50 0.405 273 1270
1.60 0.470 377 2177
1.70 0.531 494 3417
1.80 0.588 623 5025
1.90 0.642 763 7023
2.00 0.693 916 9429
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<>

O FEFEEORMFPENRE TE 5. HBRMITEIIRLF O "R otEg & B2
K TE L7280, RiTORMHEREZOFERETE D, KT OFIROE
BERE SR 72 EORMEDBREIRN D, YR EOMBRELE XV EER G
AN

© Lk FORIENFRETH D, WRIITIE IR F OB A HH T
WTELHTD, —WRKI & AL TOXBINTE S, 20D, —IRKLT
& R OFEIIRIR 2 E N ENRE LTZ 5 %, ZoHohi1- D SR
A DOFHHAEETH .

@ WEFFEIA. EEARNTETIE, BIEEEIC X - T, RRORERRHE
B2 50, B am~F+ pm ORIRORENARETH 5. HFHMEEOLGE
(% lpm PL LR 703 HE TE %, SEM/TEM OFE 135+ nm~%% um &
RIRNHETE 5. ITHEIE, fRRESE - TMEE X 0 &R0 B
(AFM: atomic force microscopy) b 7/ FiF DR R EIZHWN L B8 B 5
[42, 43]. AFM %, 0.Inm LA F O FEREZF5 D, i nm £ TORREBHEE T
x5.

<IRE>

O MEREAE L, HERDRIME . BEATIETIE, B0 2 23
L7080, BE~ETTEOR 2 ET H2MEN DD, 20D, FHR
B2 9 5.

@ HEEOBIEICHENVLE TH S, £7-, SEM/TEM THIEZHIET 55

A, KT aBERIBETILERD D, JESRMICERAFE.

1.3.3  Z O FHRIEAT

DLS CHEG RN IELIAMC b 72 < S A DR E S d SN 5. Bl 21X,
Stokes 78 % HIE 9~ 5 1= LPERE1E(AUC: analytical ultracentrifugation) T, B O
B %2 BRI AT, B DEDORE SITERAF LT3 S CTIREd 5. ki
TIREE TR O AR AR AT L CRERIAY, ML T D720, & DHA0E Ok 1
REORREEZBNT S Z LIl2 kD, RESMMEZFHETX 544, 45]. BED
BUALERNC X 0, mOIEREeE s, X ik DL E LR EIC0E S
D, EDIED, Rt DORE ZEF LT BIT - BELDEORE 2 — 2 28]
BL, REESAR A3 92 L — Y EIFTEGELIE(LD: laser diffraction) 73 & 5 [46]. &
RV 72 ¥ DOBSRAREBIED & 5 Pk %IR8 S T ORHE & i % E
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SICHRENT 5 BBRBIRANEN & 5 [47, 48], REFEM BRI AEIL TRPS &
(TRPS: tunable resistive pulse sensing) Td» 5[49, 50]. £72, RIKDIIN IR %
BAL, BIICEESADGETHI 2R L TR 2 RE SBNCERD L,

%OD/ET“%%L ﬁ{fi,&}: THEST D 7u~ 7774 —EbHD[51]. i
47 BE(FFF: field flow fractionation)|Z R 72 7 v < T\ 727 4 —1ETh BH[52, 53].
LaL, ;%L O ORLE AR 134 B OFIE & REHD 8 5. Table 1.5 IXE 41
B ORR & RFEE & DH[54-56].

Table 1.5 Advantage and disadvantage for particle sizing methods [57].

Methods Advantage Disadvantage
Low precision for poly-dispersed
DLS Convenient .p POLy-cis
particles
Image analysis High precision Time-consuming
AUC High resolution Time-consuming
LD Convenient Liquid conditions are necessary
) o Small  diameter range for
TRPS High precision
measurement
FEF High precision for poly- | Difficulty deciding measurement
dispersed particles conditions for different sample
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14  FHFEONE

AWEFETIE, /B2 W BRI L TH 2L FrtE it E (CMP:
chemical mechanical polishing/planarization) (Z{EH L, #FEHAZ U —IcE&END
BRI T KL D BRI E R E DA A FGEIZHET 22 L2 BEEE LTV 5.
1.4 HiTIX, CMP A 7 U — DRLEE AR T GE O 2R & BUAE DRI 53 AT E £y o [
BUZHOWTE L, RBFFEO AL LT, AEBISIZKIT S CMP X7 U —0kL
FEo AR F BN & B T D I B D RRIEIC DN TE L 0 5.

14.1 CMP Bz 5F /ki+

CMP 1%, RV v > 7 ORBEERIALZEMER 2 A5 S & 72 @R I TH
TV, FEAIAROFHEAGFIZ AV STV A[58, 59]. Fig.1.12 1% CMP 7
7 2O A2 <3, CMP O LFEE, (53R EHNT, £hick sk
LR T A FREAZEL L, ZRICMA TR E L2 2 k2 S8
72AZ Y —% Xy REIZHT oS, Vo ntilisd 53y N2 LT T,
B AIICBRET 2L TH 5.

| Dresser

Pad

wafer

CMP Slurry 4//

Fig.1.12 CMP process.

CMP 7' & ATBWT, BRKLORIRIIIN T.OBRERIZED 5 7-H[60], AF U
—ZWEEHET DI, F ORI ERIE S OFMNEETH SH. — I,
WREEF T 7 B 7-1%, RIS 10nm~%LH wm O HSHRI - TH 525, CMP A7 Y
—%, IR v 7 OBRFHECHRFEREBIC L - C, kFolELsg sz L,
DIYEIEE B BICEAL T 2B AN H H[61]. AT U —HhOEER X, gL
MERE DR Y Z v F I EORHBIZEN D LB 5[62]. £Di, EEERT-
DY A X EMERT HMENRNHDH. LT ->T, CMP A7 U —DWWEEHD
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72NN, ook ORLEE 5341 2 5l © & DRLE S AMHIESIN RO BN 5.
LUTIE, CMP TR B 2 kL FE oy Af i Hll O Rt & 4

< CMP (TR b1 2RI DR >

O REREEEIPH @ 10nm~2 pm ; — KA ORI IT—AXAIIZ 10nm~FH nm
THHN, BELE W25 25 L, 10nm~% um ORI EHFAZ A3
HZENEBETHD.

@ WPERE : =1nm

@ WM O—R « ZWRLAORIE (—IRKLF- : SEERIR, RLESARFHH ; =
YR« SEHIRIRE, RFREL, (EERE)

@ FERLHMERMNE ; CMP 247 2 B, 4225 U —&EEHIET S Z
ENHETH LD, REIBHERAEN KD BILD.

<CMP R Z U —DRLEE 5347 B E D R R >

CMP 27V —DORESMAEICR BZ HNHNLDIEL DLS THH. Lo
L, DLS &, —®hi{& Wb +Z2XBIT 252 ENNETH L=, ZorHk
T ORESAZRET D Z & NN TH H[63].

Fig.1.3 |£ DLS TZ 48k 1 ORI E AR OREIZH HZRERE~T. HDHE
ISEPHORL D CMP 2 7 U — IR AFRAIT LY, DEOEER (ZRKT) 2
B EN D56, EDOAT Y —ORESAIL Fig L13@IIRSND. L ORESy
L, — R DFEPRiRd & 1E 5D & &R E i LSS, hing, ny...ng,
KN dy, dy...dp D —RRiADHD. AT U —OR ESAAEARCIE, DKL
T ORLEDZAR LIS, “ R DIRER,, dy...dpB L 0N, ny..n bIHET S
VENRDHDH. 20L&, DLS & AW 256 ORLEE S AAHIER R % Fig.1.13(b)IZR
7. DLS &, HE LRSI IR DORE SO NEEND -0,
RE U T R OB L — IR DR & ORIZRRZENAE L D, £z, —Ik
Kiv-& ki A RKBIT D Z ENHE L=, DLS 13 ki Ok HED
BE LR SNIZENZENO _RAFDORERZRENRETE RN, Lo
T, DLS &, HOyHhi OO BSEENENT 2546, F I3k 2325 8ok 1
DOE, CMP A7 U —ORLE A OFEMIZE L TV 7.

DLS DIAMZH, 1.3 Hi TR S ihi B oA flE R 12 1L, CMP A Z U —o
BLE AR IS AT 25612, TNENOENRENRH VO, Fl 21X, EEENT
B0 DR IEIL, EREE 7ohi B34 A I E T & 5728, WERENMEW N H
% . TRPS JEIXHE RPN B2 8 5. FFF 5132 50 H0ki 1 O KL EE 55 #i )
ExETEDLN, ZOHEEONHENMEL roEliThHH7-H, CMP etk R
BT DRLESARRIEICITE L TWRW, L2 -> T, CMP 27 U —IZ% LT,
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FIH T & D OE D @V ORLE S sl BT 3 ko BT D

Measurement error
-

~_ Primary particle Secondary particle
- . > -~ ) S G
. Particle size, PSD measured
: distribution g by DLS
) . ‘
= ™\ Fitted curve ~
2 I P AL
G g ‘j
o 5=2 o :
) = 71
= M i
3 10
Z & |
nan"'nk l
b [T w e
d ) dy dz"'dk d (ngs
Diameter

Diameter
(@) Particle size distribution of CMP (b) Particle size distribution measured by
slurry. DLS

Fig.1.13 Difficulties of particle size distribution measurement using DLS.

142 AHFFEDOEHR

AWFZeD HEIX, AR (CMP Frt 272 P) [2BWT, —Khi 7215 T
72 TR b B T IR ORLE A 2 R o) 2RI FICk LT, —RRL D
BLEE S ARIE 2170y, 72, IR T ORI s 2 ONRERZME TE DRIE S
et AN ZHRE L, M T52 2 ThD.

BUK, 2RI ORLE AR 2 E TE 25HIITFECRB W T, JMIET — 4 D1
FEME 2N e b B WO DT EHEIRITIE TH D . 1272 L, WHEMRTIEC X DR 5y A A
X, FEEITHIEICEERI A 000, —RAICITE K L CTueu, —0F, EICffE2
KRS S5 a i Hi & L CRIH &b DLS Tik, &8k +TdHhbH CMP A7 U
— DRLESAFAMG AT 9 B als, BET — & 1 TEEEEE DO RLE /347 Tk /e iz
W, WET —Z OEFHEMEOB AT, HBEITECLD.

AWFFEIL, 7K, DLS 72 &% W CHLE A 2 7 i 9 2 355 12K & S
EBIEHE DR E AR BN T, T 2R~ 7 2 F U7 B fgeTis % H
WT, EBIEEOR LM AT 5 Z L A REL TV D.

CMP A 7 U — DRI AR, FERO BB MENTIEZIGH T %A I ZHRE &
72 DHENRIZONTIE, BRRDRL 2 B ICERICEE T 2 kL LT, &%
ODRRET LT/ hi+F 7 EFHT 256, HEDBEMEC R Al EE
20, WENREICRD EEZBND. £, 1EROEGMRNTETIE, k& &
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BB E T DB, K OaHBeRED R OARAEIZ R L TEML L T L E 2 ED
HDHIN, BEPRRTHTFT 2R +F v 72 WD Z & T, K ORI O RLE /3 AF
EEDOREZEZTICFHICESEE 2005,

L2 o T, RWFGEEZITT 5D 2 L2k v, B TS HEMED BV VRLE S Af
WMEEITZDEWMNERTEDLEEZOND. KM, 2ok~ THD
CMP 27 U —ZdHHRH B Hiffi 2wt L, TEHBRTO CMP AT U —Dk;
FE A2 BB 5 2 L2 HIEL TV 5.

1.5 i S D& L

AL, 7TEDPOLHER SN TEBY ZORNREZLTIIRT. £z, Figl.14 1%
AT SL ORI 2 77T

B 1 ETIE, 7R ORIR - R O E TR &R A E Bk O BLR &
AL, CMP A7 U —ORFESARIIE DOBLR & FESE NS, ARAFFe0 HE) &
Gl Nyl

B2 BT, PEROEEMENTIEDN CMP 2T U — ORI EESH 2 HlE T 5 Bz /E
UARIES 22T, BEEOMBESZ L FIoRT.

L {ERDKLA DY 7Y U T K DT ORADIHUIREEDZA L, £72, €
DG HCIRAE D ZAUIT K 2R HF R ORLEE 5347 P E OO R EE & 5 R RE

2. 2 BRI ORLE S A FHANC 3T 2 — Uk ORLE A0« UKL O fEAR
R L OMEEE RRICRES 2 2 &3 L RIE

3. BE3k, SEM & V- B RN 51T, 10nm~100nm ki DR EHRNC BT,
WIEREEE V6B 5 M

IO ORBEERRT 5720, & 2 ETIX, F/h+F v 7 &2 HAWiZhiESy
e 2L L7, B2 FTETIE, UTOTFEEZHWT, LiofES 2%
NZENIRIRT 5.

1 H—KFDON ) T OFEZHSLL, BP0 LERFOfMEIc LD,
KL 3 HM ETORRIC K 2 0RO ZB <. ZHic kY, ki3
B b ORI ORLEE /3 A E T K D ORLEE 5347 Z 7l 5.

2. MEFIEEZHNOT, MFOBRTOBERTCEFICEESNTL—K -
RBLFDOEEI DT ML, TNETNOREZRET HZ LIZED, KT
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253 WORL A D — WKL DRLE /347 & B DARER I X O & [FIREIC
A CE 5.

3. EFIETIE, Kz L, R ETOBEEEZFEHTE L7120,
RN ECORELZHS Z ENFETH Y, AFM ZHW R @& &
IZFEY T DR OPEDRAZZWOT Z LN TESDH. AFM S CMP 27 Y
—DRIEDAA~DIGHZFERTHZ LIk, RERONTEHIHE LT 5.

3BT, TR Ty TEERT S o0RBRILECHEL, T/ kT
F v TOREEATY, P DOHE KL DN R 7 FEZRGEELT.

F4ETIE, BEOHR B X OSSR FIZ LT, ZnEhadRe LT, F
JRLA Ty T TR E A 25 il L7z, £72, BIERFR E DLS & VW 7ohs
JESATHIERE R L I U, REFIEOBAMEA BT L.

5 FETIX, AFM ZHWCTRRZRE T D88, 20 b1 Ok /540 I E D
AR AHE L, TOMELZR LT, MUK (BSHEYR) 2EHRL
7. £, TR AT v T ERHNWTER A O SHUEEZRIE L, 16k RiEL L
L, IRETFIEOBMELZRE L.

H6ETIE, CMP A7 U —DWWEEHIGGHMENLETH L K « Wb D
PRI - X O DX B LK « ZIRKLF-OEEGRE 72 ED/RT A —FIZxF L
T, BEAFORLE 34T £ el L SRk O RS Ziin L, ki O R < 1
HOERL—IK « IR OEEE RIFHCRE DT NVREARY N T A2V
RIEDAIZ LV RFLEITO BB L. £/, TR+ TF v 7 H2HNWT, &
FTLICENVREARY NI AZFERAICHGE L, JIE L7 RITZEMERLE 5y
MHERER & OB ZITV, E/WVREANRY T LOENMEZRET L.

FTETE, B2ENOEO6ETEHEOLNTZHMAEZE LD TABLOMEMmE L
7o,

27



o B3 AT I E Hefhr oo BUHR & R REAS
« FEECMP A Z U — 7 B 45 A o 0 F RELS

H2E R DL ROk T DRLE 4y A6 SR H T D REST.
« CMP A Z V) —ORIEEAAHE o RE
1. e D O RE Ay I 7 0 PR A 15

el

2. — ¥ - TIRAI O [RREHE O R RE A pey
3. 10~100nmpz 2830 & o> [ RE A5

< F IRIFTF v T E R OTRLE A A B A O RS ™

R Ty B Y L Z Ik A A O R DM e
2k - R T OBTEROIEC X ARSI B

3. AFMZ AV 72 i S AR RO FAN

I KPFOBE—RTON R) T FREORE
CF P EFT R O R R A S R O e T

« BLOTHIORE T DR L Sy U O R R
By BORLF DRLAE 53 AT INITE D e

BSE R TF T TR A3 AR O ] E

© AFMIZ 0 2Rz o3 ARl E #EIH O AR

HOTE Loy ORI DR OMEER Yl A T L DOfESE
RIREA Yk - UKL ORLEE A & (B L DA

C HIE G EVEIE RS T ADER R

T L EABIER Y | T AORE S RO & R

BTE Hiim

Fig.1.14 Structure diagram of this study.

28



e Z P

[1] Chemicals: Commission revises the definition of nanomaterials, European
Commission, https://environment.ec.curopa.cu/news/chemicals-commission-revises-
definition-nanomaterials-2022-06-10 en, accessed 15 Sept, 2022.

[2] AR, $7T/ k7 OJEHELHIE AT & £ OIGH, SHELHI D7D D =2 —
T/ aY—, 43,11(2014), pp.505-509.

[3] T. Asahi and H. Masuhara, Microspectroscopy of single nanoparticles, Single organic

nanoparticles, Springer, 2003, pp.94-108.

[4] MRS M, /K7 mk 2 L ZOISH, REHIN, 56,12(2005), pp.748-
753.

[5] SR, &R T/ ki D RERE 7 T XF G AR H L7l s & o
S, FHEAE, 29, 6(2008), pp.350-355.

[6] B3R LY ff@, Mk LA MEERa, B P3R4, 2000

[7] ¥Rk 20 FEE T/ MEHRBERCBILE ARG (55 1 B, 7/ Mo fik,
fif & . BAF IR PL, https://www.env.go.jp/chemi/nanomaterial/eibs-conf/01.html,
accessed 15 Sept, 2022.

[8] ARATK b, T/ KiFOAEVERHE, PEWRES, 50(2008), pp.37-48.

9] BILEAKR M, 7 /7RO b - ZZAMEOHIE & = DIcH, R/ T/
=T 4 JNT T ) uo—ORE L FER~DORM, i, 552012), pp.3-11.
[10] MR s oW, B L85, BT 34, 1986, pp.1-4.

[11] AT fW, RCrRRstiEdgf, HFITZERRtE, 1994, pp.8-18.

[12] JIS Z 8819-2:2019 ; KL FEHIERE R ORI 2 7 - KA H DN
BB ST FERE KR E— A R DOFHAE.

[13] ISO 9276-2:2014; Representation of results of particle size analysis — Part 2:

Calculation of average particle sizes/diameters and moments from particle size
distributions. https://www.iso.org/standard/57641.html, accessed 16 Sept. 2022.

[14] An introduction to particle characterization, AZO Material web,
https://www.azom.com/article.aspx?ArticlelD=18502, accessed 20 Sept. 2022.

[15] ISO/TR 13097:2013; Guidelines for the characterization of dispersed stability.

[16] AR, HOBMELF, HARBSTRE, 34(1992), pp.244-248.

[17] R. Pecora, Doppler shifts in light scattering from pure liquids and polymer solutions,
J. Chem. Phys., 40(1964), pp.1604-1614.

[18] [ AM] ok ¥+ o+ (hg) WE, KREETFHKRASHE web,
https://www.otsukael.jp/weblearn/chapter/learnid/65/page/3, accessed 21 Sept. 2022.

[19] R. Xu, Particle Characterization: Light Scattering methods, Kluwer Academic

29


https://environment.ec.europa.eu/news/chemicals-commission-revises-definition-nanomaterials-2022-06-10_en
https://environment.ec.europa.eu/news/chemicals-commission-revises-definition-nanomaterials-2022-06-10_en
https://www.env.go.jp/chemi/nanomaterial/eibs-conf/01.html
https://www.iso.org/standard/57641.html
https://www.azom.com/article.aspx?ArticleID=18502
https://www.otsukael.jp/weblearn/chapter/learnid/65/page/3

Publishers. pp.397.

[20] JIS Z 8828:2013; i (- E&MEHT—Eh I Y HIELIE.

[21] S.B. Dubin et al., Observation of the spectrum of light scattered by solutions of
biological macromolecules, PNAS, 57,5(1967), pp.1164-1171.

[22] J. Stetefeld et al., Dynamic light scattering: a practical guide and applications in
biomedical sciences, Biophys. Rev., 8§(2016), pp.409-427.

[23] B.J. Berne and R. Pecora, Dynamic light scattering with applications to chemistry,
biology, and physics, Dover Publications, 2000.

[24] EfEA LD, T K OEIRDEHGELEIC X DR Pk 3081, 38k, 68,
10(2019), pp.733-742.

[25] A. Einstein, Investigations on the theory of the Brownian movement, R. Fiirth editor,
A.D. Cowper, Translator, Dover Publications, 1956.

[26] K. Takahashi et al., Precise measurement of the size of nanoparticles by dynamic
light scattering with uncertainty analysis. Part. Part. Syst. Charact. 25(2008), pp.31-38.
[27] E. Gulari et al., Photon correlation spectroscopy of particle distributions, J. Chem.
Phys., 70(1979), pp.3965-3972.

[28] M. Danaei et al., Impact of particle size and polydispersity index on the clinical
applications of lipidic nanocarrier systems, Pharmaceutics, 10, 57(2018), pp.1-17.

[29] KE&E U web, https://www.otsukael.jp/, accessed 22 Sept. 2022.

[30] K. Schatzel, Suppression of multiple scattering by photon cross-correlation
techniques, J. Mod. Optic., 38, 9(1991), pp.1849-1865.

[31] A FHBE0L, FHAYDEHGELE O 2 EHGELRHE & 5 B IR IR O ek 731, H
AR ETEE, 34, 11(2005), pp.568-574.

[32] J. Yguerabide et al., Light-scattering submicroscopic particles as highly fluorescent

analogs and their use as tracer labels in clinical and biological applications, Anal.
Biochem., 262(1998), pp.157-176.

[33] £ & % * ¥ M 8 (SEM) , H K & 1+ #% X & L web,
https://www.jeol.co.jp/science/sem.html, accessed 26 Sept. 2022.

[34] FEFE i, X <2 EFBMEEI, SAaEE, 1992.

[35] WyfE Lopas f, W FREEHIIELAN, BT L3R, 1994, pp.224-226.

[36] H. Masuda et al., Theoretical study of the scatter of experimental data due to particle-
size-distribution, J. Chem. Eng., Japan, 4, 60 (1971), pp.60-66.

[37] JIS Z 8827-1:2018 ; Wi MM —IBIGARITIE—35 1 #0 « SRAOBIRARIT L.
[38] G. Jimbo and M. Ishii, Simulation calculation of the effect of the counted number of

particles on the accuracy and reliability of size distribution measurements. Proceedings
of POWTECH 71.

30


https://www.otsukael.jp/
https://www.jeol.co.jp/science/sem.html

[39] H. Yoshida et al., Particle size measurement of standard reference particle candidates
and theoretical estimation of uncertainty region, Adv. Powder. Technol., 20 (2009),
pp.145-149.

[40] H. Masuda and K. Gotoh, Study on the sample size required for the estimation of
mean particle diameter, Adv. Powder. Technol., 10, 2(1999), pp.159-173.

[41] HRIE—BB i, Feret 81T & 20 FEMRATIZRL TR 23 AT TR >\ T, Ak
TSR SCEE, 4,3(1978), pp.232-237.

[42] P. Klapetek et al., Atomic force microscopy analysis of nanoparticles in non-ideal
conditions, Nanoscale Res. Lett. 6:514(2011),

http://www.nanoscalereslett.com/content/6/1/514.

[43] G. Kollensperger et al., Application of atomic force microscopy to particle sizing,
Fresenius J. Anal. Chem., 363(1999), pp.323-332.

[44] J. Walter et al., Multidimensional analysis of nanoparticles with highly disperse
properties using multiwavelength analytical ultracentrifugation, ACS Nano, 8, 9(2014),
pp-8871-8886.

[45] R.P. Carney et al., Determination of nanoparticle size distribution together with
density or molecular weight by 2D analytical ultracentrifugation, Nat. Commun., 2: 335
(2011). https://www.nature.com/articles/ncomms1338.

[46] H. Li et al., Experimental methods in chemical engineering: particle size distribution
by laser diffraction-PSD, Can. J. Chem. Eng., 97 (2019), pp.1974-1981.

[47] Y. Mori et al., Characterization of reference particles of transparent glass by laser
diffraction method, Part. Part. Syst. Charact. 24 (2007), pp.91-96.

[48] FR¥EAN = i, FEXAIBREHER X O — P EIITEIC X DR AR HIEIS
FAZ TR IR DR, MR T 7458, 32, 10(1995), pp.722-730.

[49] JIS Z 8832: 2010; i 143 A7 I iE 7 1h—E R BIRR N 5.

[50] G.R. Willmott, Tunable resistive pulse sensing: better size and charge measurement
for submicrometer colloids, Anal. Chem., 90, 5(2018), pp.2987-2995.

[51] Y. Pei et al, Tunable resistive pulse sensing (TRPS), Characterization of
nanoparticles, Elsevier, 2020. https://doi.org/10.1016/B978-0-12-814182-3.00009-2.
[52] ®IGZ, mEREs v~ s7 77 4 —&HWIZEGTON, v hU
— 7 RV =—, 32,52011), pp.283-289.

[53] S. Kim et al., Field-flow fractionation: addressing the nano challenge, Anal. Chem.,
83, 3(2011), pp.634-642.

[54] D. Muller et al., Nanoparticle separation with a miniaturized asymmetrical flow
field-flow fractionation cartridge, Front. Chem., 3: 45(2015),
https://doi.org/10.3389/fchem.2015.00045.

31


http://www.nanoscalereslett.com/content/6/1/514
https://www.nature.com/articles/ncomms1338
https://doi.org/10.1016/B978-0-12-814182-3.00009-2
https://doi.org/10.3389/fchem.2015.00045

[55] PRk 23 FFEREEERBEXHSHANBHTE S (F ) WE O FHAIE S AR (2 B3 2 3
) WEE,

https://www.meti.go.jp/policy/tech_evaluation/e00/01/h23/ei_h23.htm.

[56] MNEENE/A, T/ BRI AR EW I BT 2 A sE, PERRAIGT AR vE
W, 6,4(2007), pp.185-200.

[57] F. Varenne et al., Multimodal dispersion of nanoparticles: a comprehensive

evaluation of size distribution with 9 size measurement methods, Pharm. Res., 33(2016),
pp.1220-1234.

[58] LAEMRRR, HREMIE CMP £ b7 63 A/ X—Ta U —IHE ZiRA
THHF RN M O D 22—, K= %27 K, 48, 1(2011), pp.16-23.

[59] CMP lEE®FHL, K% L 17773V E—v 3 VINL/CMP #4ii M Z 5
=] -

[60] J. Luo et al., Material removal ragions in chemical mechanical planarization for
submicron integrated circuit fabrication: coupling effects of slurry chemicals, abrasive
size distribution, and wafer-pad contact area, IEEE T. Semiconduct. M., 16, 1(2003),
pp.45-56.

[61] A.J. Khanna et al., Method for determining stability of CMP slurry, ECS J. Solid.
State. Sc., 7, 8(2018), pp.423-428.

[62] G.B. Basim et al., Effect of particle size of chemical mechanical polishing slurries
for enhanced polishing with minimal defects, J. Electrochem. Soc., 147, 9(2000),
pp-3523-3528.

[63] R.D. Boyd et al., New approach to inter-technique comparisons for nanoparticle size
measurements; using atomic force microscopy, nanoparticle tricking analysis and
dynamic light scattering, Colloid. Surface. A., 387(2011), pp.35-42.

32


https://www.meti.go.jp/policy/tech_evaluation/e00/01/h23/ei_h23.htm

B2E IR DL BB T DRLEE S50 R EAT O RE L

21 #&E

CMP 7' u bt AZHEHINDMEA T U — 13— B Hokr 7 & LTl X
NDH, FORFHRCHRAIRE, FISHB R SICX D, K225 80k
RRTHLIGENDDH[64]. ATV —ORESHLHEIRREIL CMP 7' 1 & A28
T AN LN, N TAFBEO K I IR 0 SRV [65]. LT3 > T, CMP A
7V —OWEBEBEOI-OIZIL, HABORL ORI SRR 721 T2 <, 25 HokL
T DORLE AR & EMECHIET 20 ERNH 5.

BLR, B ORI DRI EESS AR s IC 1%, DLS 2MEN-MEREZHi D, CMP 27
U —DRIESAFC NS D, 14 8Tl ~7= K 512, S5k DRIE
DA EFHET 284, DLS 1%, —kif{ « ki Z2XKB3 252 ERREETH
D, IE UKL OBIENEE LN 28, CMP AT U — R EAAa i i L
T2 W[66]. 1EDNT, AUC 3%, TRPS IESC FFF{E72 &, 20 Bk Ok /34
% Rl C & DRI A AR BT I, ARWIE SR B 2 W T E RIS B 72
EDRENH H[67-69]. LizRn->T, CMP A7 U —DFHliD7-DI121%, £tk
B~ ORLFE 5370 % IERE DB IS E T & B Bz 2o b B A e B il 3 B¢
H5b.

22 HILABEIZ, Rk ORISR 2 KB T A 721, FclcitE Lz ) /HL
TF v T TR E AR R E N OB EZ SN T E & 5. 2.2 HiTlE, CMP
ATV — DR ES MR OBMEREEL £ L0 5. 23 HiTlX, T RFT
7% TR EE S A I I O FFEIC DWW Tk~ %

2.2 CMP R TV —DhLE 534 dL il

22.1 CMP R 5 U —DRESTEHMEDOER

CMP 27 U —I%, W% ZDEZD R TH Y, ZORLEES3A0 )N BLIEPERL
ERARTHDLN, ATV —DRESRMEICE Y, RN EEL, 2TV —0D%y
BORBEEN AT 28038 5[70]. CMP A T U — D SVEEHLO 7= 8 ORLEE 43 Af
R CIE—RBL - DRLEE /34 & IRKL - O L ORFEROFHN & 43T
HDH. CMP 7ot 2 ZBWT, MELOIMITIIREE: pH, BE, JEJ104 4 i
FEDLAM T TIT O 728, TOMILMIT I Y, TSR D HFEERRRLAS & AT kL
TIRESCA A REIZLVEEL, AT U —FITHHEERDER L, Z Dok
RN T 256803 H[71]. 2, I TIEL, CMP 27 U —ORRRLOERE XL

33



BRI NG9 AR Z -V 2 CMP NS & 5[72]. L7223 T, INLELG T,

CMP 27 U —D i HMENZ 3 TH D551 2. CMP 27 U —IZE O §E
RBFET DA, AT UV —ORIESHIT Fig2. 1 (R T 0/ L 725, Fig2.1 13,
— KL DOHIEME SN EL LT, DEO KL 73R & WEER S [ARF
WCETHMATHSD. CMP 7t 2THBWT, —RRTFDORE ST LT OMBHER
ERICEAD D120, — b O R E Z O ERNET DLENH D, £z,
TR, BN TA RO FRIBEIC S5 2 D AREMEN D D12, T O E T
EERETDIHENRDD. LEEN-T, AT U —ORESAMCHNELE Shb
HEHEBIZLLTICEED D

<PEHEH >

® I FDWIRIFE : d,

® —RKFDOREBESZMDIENY (L6DE) 6
® KK TDOE :ng, ng...

® KRR TOMRER: dy, ds...

Number of particles

i

N1 Ngp
, do d
P Diameter = 2
Fig.2.1 Particle size distribution of CMP slurry contains several secondary particles

RIZ, 2TV —DREDSANEIRDO Y — 7 2R OZM&EM 010 & e 556, Bz
X, R DR FIRET 2 AT U —%23 L THHT 256, £ ORE S
1% Fig 2.2 (O RIE 34 & 72 5. Fig2.2 1%, KEEOEWRiERNFNEhn, d;,
dy...dg DRI DPRIET H AT U —DRIENAATH D . Z O/ R ER7: CMP X 7
U —DORLFE AR TERAT I TR, SR A & 70 Dok FE 3 Af %
ET D%, TOREHEBIZUT RS,

34



< SMEMRLEE 734 OJEH E >
® RO EIRDHHEGERLFDIREAT ) —DFNENDE— 71255k

D RLARED FHIRIAE

di, dy...dy

® VRO EIRDHHEGERLDIRAEAT ) —DFNEINDE — 712554
NWADRLFEEDORIRDIZHDOE 8, 8,...5,

® RO EIDHHE G DIREAT ) —DFNETNLDOE—7|

DR REDEL CRIEEAR OHEAR) @ S;, S,...Sk

Number of particles

Fig.2.2 Multi-modal particle size distribution for CMP slurry.

d,  dy e

Diameter

35

- N
37

4

4

S

S

S



222 BHITHET DRLF DRLE S EIE

1.4 filC~7= & 912, DLS 2% L - flifE 7o Ml E 5L CMP X Z
U — D LR EE AR REMIZE L TN, BUE, BHGRAENTIE LA ORI 53 A7k
MELIRTIE, — Wk « ZRRL 72 XBI L, 250 BORL 1 D @ ks FE O & kiR
FEDWTRLE AT 5 2 & DNEETH 5[73]. AWFIETIX, BBRIEHTED
CMP 2 7 U — DR A el ~DIS 2 5 L7z,

BREATIE L, W ORI DRI EE 530 2 FEA 3 2 BR, K20 b e
BRI ET 2 MEN S H[74,75]. CMP AT U —IZH T D HFHERRLLIR I /0
IND T, BHGIRITE TE ORLEE3AN Z 5 il  2121X, R o
Uo7 d HmfEH, RFOnBIREEZEET 2HEND LS. W, K ORF 0
Yo7V 7L, v A7 mr ey FEHWT, #opl BRE ORI A EAR I
TL, MiTRIRE RS E S, Fig23 1320z "y, v~ 7~y T
TR Z T 28, WHEPICZHORFDIFET D720, KL 8iK % FE
(Fig2.3 ® 1.Transffering large volume droplet contains several particles (23515 5 [E )7
TFEDOREBOTH T L7o%, WIEOERIZ L > T, FirMEEEN /NS <72 0, Kt
[FlEOEENTEAET S, 22T, R OREIZ XD, Bt LR+ D7 #eikhg Chz
OB ) 1T OMWIEN B L LT LEWY, BLE AR HIE DO AN S FERIZ
2%, OFED, WPIE KA DHRFEL TWDA, ERTIE, R 8]
s,

Fig.2.4 (FH R DR R ORLEE 5340 & Fbk ORI+ DRI EE A &2~ . ki
T RPN — DM 3T 256, RIS — UKL OSBRI 23 dy &
5L, TORIESH & Fig24@IIRT. —JF, HER ECRF-DRENEETD
%it, Fig23 1293 3k B &K (Fig.2.3(3. Particle aggregation) J DL -7 5
4) OFYJRIENd,, %8R (Fig.2.3(3. Particle aggregation)H ki +& 5 1) DI
PRIBENdy &35 L, FE ETORIFDRIE/SAIL, Fig2.4b)D X 9z, FkL
BN dy D— UKL DRLES3AT LIS, i % R TR BT 5d,, dsD & Z AT
BERSLLERORIRE A N T T ARBND.

—77, Fig25 O X912, ATV —HIZ—RHFREENRTH 2 b1 R
ET B4, IR ORI ESNA TIL, Fig2l3 Dr—A LB iy, “RkKi+E2& A7
BEDSAR L2 D. S BIT, Fig2 51T £ 918, R BT, WROBERIZ X -
T, BMOBENRBEL, bEbERPICHFET D ZRKF (Fig2.5 O
1. Transffering large volume droplet contains several particles D& ' DR 7K 5 7 &
8) LTI HM E TSI D kK7 (Fig2.5 @ 1.Transffering large volume
droplet contains several particles DA ORI FFEE 1 & 4) OXBIRDOD 2L 7
H. ZTOREE, RESMANELHETERI2D.

36



O, —IRRLA DRI Nd,, BRI SELERIEENNd,, N K-35
L7 N BROFEERERND, EIRET D L, & OB B UE DR EE /3 4 13
Fig2.6()D L 2 IZmaig. &7z, HAMEDIHTHL, Fig2.6(b)D £ 512, Hrfk
Ny, dy®D L ZAHICB RO A k7T KB, Hbi b CRIE U 7R A &
AP ORE AN~ L2 & D, BER O BRI IS ki 178
BEND LWL ORE N A7 T2 Z L NHEETH 5.

1. Transffering large volume
droplet contains several particles

Fig.2.3 Conventional particle sampling method for mono-dispersed particles.

g 8
= i 2
i
5 1h 5 1
o o,
e
3 S
5, 3,
£ M)
= £
> z
< _ _ 10
o dy dy dy d
Diameter Diameter
(@) Particle size distribution in (b) Particle size distribution on the
suspension substrate.

Fig.2.4 Comparison of particle size distribution between that in suspension and on the

substrate for unimodal distribution.

37



T 1.0

w D)/ » & 7

1. Transffering large volume

. .~ 2. Particle collisi - :
droplet contains several particles articie coTISION 3. Particle aggregation

Fig.2.5 Conventional particle sampling method for poly-dispersed particles.

o____ a

Number of particles
(
S

Number of particles

d

1. dy dy 1, d,
Diameter Diameter
(@) Number of particles in suspension.  (b) Number of particles on the substrate.

Fig.2.6 Comparison of particle size distribution between that in suspension and on the
substrate for multi-modal distribution.

38



23 FIORFF v I EANTRIES R mETORE

231 FIRFFo IO ET B

B fENTE L CMP AT U —ORLESAmFHcE AT 272 0121%, 2.2 filcid
NE-REE T AV ERND D, IS OREA R 5720, KBFgECix, -
JRiATF TR TR E AR 2 e R Uiz, ki Ty 7l X, |’
2o LT 2 R A RN U, FEHICEST 2 5ETH 0, ki -0 F o
HCRREE R T E F, BRICEET DI ENARETHD.

Fig27 13+ ki v+F vy 7oarvr vaexrd. £9, TR FE2ERPICE—
B ESED. W ORL 2 RBI T o NN—2ff 75 ETDHE, ZNHDR 1%
G TRl TIRIR &% pL B ORHE CHitt U, &350 O¥EIRINIC 1 ERL 1D A 171E
T HIEETHE T VN — DR DN %, NHKR CTHAAR EOBEM EIZELE T 5. &
W E ORI ERIR DG S /T, B2 BICEE T 5 &, RSB O T ENL &
ICELE XD . AR T, RN 2O X D e@ERLICiE Iz T v
FORLA Ty S EMES, R T v I TIE, AT D EALE TR0 1
DHAFAET D72, KA DFER ECOEENR S Z EMA[EETH Y, KD+
DRHIREE IR T2 F £, BERICEET 22 & AHETHSH. SEM 2 HWT,
F BT TN DENLE DKL DRI & SEAHET VR, W Ok
DORLESA DI TE 5.

Fig2.7 O X 57 F /7 Ki+F v 7 2ERS 5I21E, &RbEERI &L, EKFO
B OEB O ETH D, W Ok IXE2ICHE I I T D EIE
T 5L, RTRRE — ERBETH 2B SN 5E, &loOmRICNE S
ToRLF DE &R TR O RER FE O BAfR 2 2. IR T

N=CxN,xV 2.1)
Z 2T, VIEmEI SR E 3 S Vi O SRR, i3k oL
WP, NIIEE S OFWIR G (NG LT2RL - 3BOMRBE, NJIT7RT ReE
Hcehs, XQDND, il LIEEEOREN —EThH D & X, il S =ik
ICE LR P O BRFEN & VIR CITMIERBRICH O, TR 2 3
THIELIWLE ST, T 2RO ERINTEZ S EEXOLNS. 720D, KL
TIRROFENREOTEICL Y, N 1 RBOFRET, N2 0.5 DA, S
NTERIFEN 01 L7220, NOEN 1123 L, i & ki 5208 0 0FE|
AN L, ERT1IE, b LT 2ok F2MH T 5.

—
S

39



3.Positioning
1.Numbering  2.Transffering small droplet droplet ~ 4.Positioning

particle in suspension containing a particle particle

e CFF b 20 3
4
0 0 O 0i%0 0 o 0 o
7C>%) %D %D %D %D M,SC)QQ
0.1-10pL

Nanoparticles dispersed in suspension
with a uniform condition

Fig.2.7 Concept of nanoparticle chip.
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345 % Fig.2.9(b)lZ1:9". Fig.2.9(a) & Fig.2.9(b) LA I YE DRI FE43 AR A — 5 5
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27T 2 R ORIFE /347 2 E TE T, RIS H DR D HCREE (i1 D ke
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Fig.2.8 & Fig.2.9 1%, =N EN, Fig2.5 & Fig2.6 L+ 25 L, F /7 hi1F v

40



TIIPER O FIELVEND Z ERbnd.
Droplet of small volume

1 V 1 wizthasingle particle | @ @@ 1 20 3
3 D R ZAE

1.Sampling small volume 2. Transferring droplets 3. No aggregation after
droplets contains one particle to substrate solvent evaporation

Fig.2.8 Nanoparticle chip for particle sampling with poly-dispersed condition.
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(@) Number of particles in suspension. (b) Number of particles on the substrate.

Fig.2.9 Comparison of particle size distribution between that in suspension and on the

substrate for multi-modal distribution.
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BB O fREE 1 1.3nm) TS IL-EE TH 5. KRN K E W 500nm Ki-1-(Fig2.10
(@) & 150nm K7 {-(Fig.2.10(b) 2%t L Cix, ki1 SEM Eifg ) 5k 1 O 5 Ffpn
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DIRGENE S, RNETTRZD. 202 LIk Y, RO oK W3
LR, R - BIESARIEICIREN G 26D, Lin-> T, Rifngk+
nm OFLFITKR LT, SEM IR NARRIEDEBENE D HHENRH 5.

500nm

e 3 | ———
1.0kV x10.0k SE(U) b 1.0kV x60.0k SE(U) 500mm

(a) 500nm particle (b) 150 nm particle

1.0kV x150k SE(U)

(c) 50nm particle
Fig.2.10 Comparison of SEM image for 500nm, 150nm and 50nm standard particles.
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ZEEO, 5 nm BEOEHEMMAZFHITE 5. LR ->T, AFM ZFIH L7k
RFHANE 100nm LLF ORL ORI ZFHT 5 Z ENARETH 5.

Fig.2.11 I%, AFM OXE T OMEX Z 7. AFM OFEHI T o F L 3—&
FEIEN D /N S 72RO E D (T TR Y, et ERE oM@ < T
X FLAR—DizbI (AL Z@ U THREENS. BN FRNIZZT5EH
YT U TEB BN N L, Bl a2 T D EREHANC AN T 5. T L
N—=DEMHIZRDONOE L—FZE L, TORFIEOMEERbE 5 EI LT
* FEAF— RICARHT A, B F U N—DOEMITHI LT, KR T+ &
A F—=RICAHTANEN ETFTTHDOT, —HESNE74 FFA 4 — RO}k
BAEZEL, TONEEZOENEZRETHZEICLY, B TFLAA—DOEN%
BHTE S, BFHERBERICEE LN LA E S BAETOD o F L3—
DN % Fodk 3 AT, SRR I O MM & O1F #0315 5 1L 5 [80].

Photodiode Laser

Cantilever

/

Pulled by the
atomic force Sample
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Fig.2.11 Surface analysis of particle sample using AFM.
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TR F ORI I T, SEM D856, JIZ X0 1SO (TR /3 A #FAlfi & Feret
£ LR AR TR 2 2 & S BRI RLE L TV 523, AFM 1L, SEM & E W,
LRSS ARSI & A 7 A ASHESE LU Ae Ly, BIZE, AFM CF 2RI F e 248
&, —IRETRL T ORI PRI % 1 1 S SRR TRLT O 4 X &R 5
[81].

Fig2.12 (2407 FIRIER & 6 S IR D 2 5. KT OMUT RIS IE < -
DN DR OELO BRI L L TER SN S (82]. KF ORIk
ARET D7D, Kita2 T 2R 7 7 b— hOREBCHEMRIEE T 2 %
FH B 5 [83].

F I RIFT T LU— b, Fig212@)0 X 912, 1EEF YA XORF 2k T
Al ORI 72 <, BEREOIRTE TR D, & S H Ak — kL
TOWES, ERENEORTEORS 2R L Z0T. Hi—0K T ORA,
Fig.2.12(0) D & 912, HEREDKRIT0 b v 7H 6 HIRET £ TOH S ZRE L L
TEZRINDH[84].

AWFEIE, £ Om I TR % E S A Y45 (Equivalent height diameter) & P53,
AFM TE SHUEZNES 258, baH—0kE7i3)F /7 hr7 7
— FOIRBETEMICEET HMEND D.

FMTT T Lk DIERUTR T ORAED 58— Th D = EBLETH
5. —J, CMP 27 U —%, FiEDPR—EDXLOX 2D, 7 Kbk
T D120, F/RTT T L= L OERBEETHS. Fig2 1 3@0 L1,
KT EF IR T L — MREEICHEE STV ARWEES, ki FEENEAY,
KFDOELEERT D2 EBRETHH 720, AFM TR MR ZHET 5 =
LUV, E7 222 BilCikT k91, RERORI T LY v Z T,
RPN HAR ECORMEZB S Z ENREETH D, KL AEE L, Fig2.13(b)D &
5 RREVEERNERSNEHE, KAO kY 75 ERERE TO®SIX
—YRIF ORI & 5 L < A0, ABM CHITE L 78 S i S BICREA A U 5.
D=, O — AT, AFMIZIE LWRIE S 2 ET 5 2 & BN REET
H5.
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Nanopartlcle templated

i

<—>
dp: Distance of gravity center of

both particles (b) Definition of particle diameter in

height diameter
(a) Definition of lateral diameter

Fig.2.12 Particle diameter measurement using AFM.

No nanoparticle templated

(( H f ( :mlHeightTd

(a) No nanoparticle templated for CMP slurry.  (b) Diameter of particle aggregation
in height diameter
Fig.2.13 Difficulty of diameter measurement using AFM.
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BENDZ LN s.

(b) Equivalent height diameter using

ccCccC
( r r E‘ IHeight —d
©®© 6 ¢

. . AFM on nanoparticle chip.
Nanoparticle chip P P

(@) Particle on nanoparticle chip.
Fig.2.14 Particle diameter measurement using nanoparticle chip for small particle

below 100 nm diameter.
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Fig.3.1 Diagram of experimental setup for nanoparticle chip.
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Fig.3.2 Scanning path of piezoelectric inkjet.
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Fig.3.3 Droplet image in a 4.08V input voltage of P1J.
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Fig.3.4 Confocal laser scanning microscopy OLS4100.
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(a) Particle sample using droplet deposition (conventional method).

(b) Particle sample using nanoparticle chip.

Fig.3.6 A particle sample comparison of droplet deposition and nanoparticle chip.
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Fig.3.7 Definition of position error of particle on nanoparticle chip.

Table 3.1 Position error and position pitch for particle on nanoparticle chip.

Group 1 2 3
Mean error 1.2um 1.5um 1.2pum
Mean pitch 49.7um 49.8um 50.0pm
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Table 3.2 Standard particles specification for nanoparticle chip.

Type 150nm particle 500nm particle
Mean diameter (nm) 152 (TEM) 498 (TEM)
Uncertainty (k=2, nm) 7 3

CV (%) 2.46 1.15

Table 3.3 Experimental condition for nanoparticle chip

Droplet volume Droplet distance | Particle concentration | Substrate
0.20pmol/L (N=0.96)
0.23pmol/L (N=1.10) _
8.1pL 50pum — Si wafer
0.26pmol/L (N=1.25)

0.29pmol/L (N=1.40)

-----

Fig.3.8 Scanning Electron Microscopy SU8000.
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(b) 500nm particle.

Fig.3.9 Single primary particle on measurement point.
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Fig.3.10 The frequency distribution for primary particle versus the number of

particles at a particle measurement point.
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Fig.3.11 The ratio of primary particle and secondary particle on nanoparticle chip for
150nm particle.
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Fig.3.12 Two particles on the measurement point (150nm particle).
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Fig.3.13 Particle aggregation on measurement point (500nm particle).

68



—J7, 500nm i1 DIE, —EBORIERNE R T KRB 05 RS S 472, Fig.3.13
1%, B SRIARRE MU EE S iz cD%ME@%r#.it,mmm
M% IXLThH, FRETy FICBIT ARRAERICH D — IR B L
WhL - D& 7 b L=, Fig3.14 13, ﬁ&ﬂmmckmf —Bl R D720
2 1 AO—whi 2Bl S5 5E, 2 B Eo—K-BEH SN D545,
kiU BRI DB SN DHEEIZOWNWT, BFBUIIIR T U v b Shizki 73
BEHCTHT 2 ENENOR O HO LEIGEZ R L TN 5.
Fg3Mb%>A@*ﬂommmmewm@ O%E, VEO—RRLFB 0
N ENTHEOR DO ED HEIEIT 2% TH Y, 2 ML EO—RK 1w
yhént BORAEDEDDEEIL 15%THY, IR +R"hvr hEn
HEORIA D EDHEEIX 3% THD.
_f,%/u%%/7Lf%méhtﬁ%ﬁ&%#éﬁ%@ﬁﬁmomf
Batd D701, B 0.29pmol/L (N=1.40) DOBFAIZHOWT, T hif+F v
FICEE L SR OFER] 25l L7z, Z O5M T, Fig3.14@)\l~d ki1
B 020 pmol/L ATV — L LT, F /hiTF v 7 EO—2>0O8H&HIZ,
2 LN LRI SN SRR E L 72D, ZO%E, b ORARRAIE SIX
AR EE 3 AR OPEICHH TE RWHIER TH 5. 0.20pmol/L DHE, £ DED
EIA1E, 029 pmol/L DALV /hSW=w, HIEDOENLEIND EEZD
5.

69



15% I‘| 3%I

82%
M Primary particle

M Primary particle (more than one particle)
I Secondary particle

(@) 0.20 pmo/L (N=0.96).

34%

15% I-

M Primary particle
M Primary particle (more than one particle)
™ Secondary particle

(b) 0.29 pmo/L (N=1.40).

Fig.3.14 The ratio of primary particle and secondary particle on measurement point
(500nm particle ).
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Fig.3.15 Number distribution of particles on measurement point for different

concentration (measurement points: 100).

Table 3.4 Average number of sampled particles in measurement point.

) 0.11pmol/L 0.14pmol/L | 0.17pmol/L | 0.20pmol/L
Concentration _ _ _ _
(N=0.54) (N=0.67) (N=0.82) (N=0.96)
Particle number 0.52 0.61 0.86 0.92
. 0.23pmol/L 0.26pmol/L | 0.29pmol/L
Concentration _ _ _
(N=1.10) (N=1.25) (N=1.40)
Particle number 1.01 1.18 1.26
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KIEHEDHEL L ARETH Y, RIEDARIIE ORI NG TX 5.

34 FiTlX, CMP X7 U —@DRifE LMY T 5 150nm~500nm DKL{ % H T,
B IREE 208 U, B OFHDIRILZ A L7, 2 ORESR, F /2 ki 7 v 7 Tl
Z ORBHEFANIZEB N T, @R TRPICTECT DR & & Oy HCIRRE & A fr
L7eEFHM EICEEFRETH D Z LR I,

E 52, HHRIFE DO RHEA 0.5~1.40 OFPH T, R LMtk o
BtRA AL, ZOME, FrORELZFHEST L2 L1280, fit L7 Bk +
B TE T, KiOEBHHHNAFEBLTE 5 2 L DR ST
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BAE FRFTF v T ERANRLE SR O

41 H#&F

3 EIZBWTC, TR Ty L, RPICH DR OOEREE RS- E F,
EHER TR 2R D O IMICEETE 22 LR SN, £Z T, SEM
ZHWT, R EICH DR ORI EZ ZHGEH L, & ORI L RIRDITH D
X AR IVE, W OSEREEIZ S DRI ORI AR & R 5 2 & AN ATEE
EEZOLND.

42 §iL#ETIX, F /R F y TUX, RIS ET DR ORLE S A R~ D
1 M 2 EBR I CRRRE L7z, 4.2 B CIE, RN — OFEHRES ki -2 x5 & L,
TR Ty T HNT, ZORESAEFI L. £z, FHUEEROEEEL
FHf 5 7, TR F TRV THIE LR A RE 1% DLS & AW
WE LRI An & bl U, ERS RO EMMELZFm L=, 43 6Tk, B0
FERIE L IX O X BRORI T ERIRE L, TR T v T ERHNT, D%
PERIFEE 3 AR 2 5Hl L7z, &7, T/ ki+F v 7 &2 AW THIE LRI EE A6 1,
DLS % HWCHIE LRI04 & beig L, DLS &, F 2 hi+F v 7 OEAL
MEERRET L.

4.2 BOE0T R T ORLEE Sy AR FH

4.2.1 HEBHIE

F KA T TR T DR ORLE AR EH O AEE R 5 7
b, AREITIE, PRI 150nm & 500nm OFEAER & FHWT, T kiFF
TEAERLL, O BMEMRIE S5 A 2 WE U, E 72, BIEkE R o EEM: 2
H128, BIEMERIE S AR OBIE AL TH S DLS ZHW T, “FIEEOR D
PRI X ORI E SR ZFHHIL, T R+ v 7 TORIERRE L DLS TOHIE
fER A i U7z, DURIE, SEBREeM: & EBRNA OB 2 = 5.

<F I RLA T T TR Sy A R >

AREBRTIE, 3.4 HiOER L FREER 2 AWz, I Lokl - otk a
Table 3.1 [CZMT 5. 150nm DRI F KT LT, 3.4 HOERRIS, F/LMREN
0.26pmol/L D¥d, i Sl —RKIFDFNIED I b W\ ios, KEERTIE,
150nm Ki 1 DOPLFE A 0.26pmol/L (ZFHEE L=, 7=, HEED7=%, 500nm ki1
K UTIEL, AR S — R+ OFIE R i b @V 0.20pmol/L & 8RR 5 1%
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TTHDHN, HERDOTZDIZ, 150nm Ki+ & FIREREEZRIN L -, - hi+F v
T OVERIGAM & LU TFIRT .

i1 : 0.26pmol/L

& FE © 8.1pL

R BLE R © S0um

FobR 0 Si =

ZDIED, BRI TN EED D, TR F v 7 e ERT DR,
Bk 7 A NE—TT7 4 NZ V7L, REWEEKREREL. M
7 4 VH—=DREIZONT, 150nm OFE, REIF 0.22um THS. 500nm
DA, NEEIE lum TH D

EROSHTER LT 2 hi+F v 705, SEM Z W T, FRENIE S
B D~k OmEEEFEH L, EOHEMEN DUkl 1 O EREMA Y2 FHH L
7o, HAEMRY R OB 1A% LUTF IR $7[88, 89]. Fig.d.1 1% 150nm i~ — UKL
FOWETH D, Figdl D, BNV 7 | Image] TH O FfEA (Fig.4.1 7R
WHANOERE) AR L, mEEYRAIIEAN ORI TE 5. ISR

i= |22 @.1)

THHT 5.

4A
(s

Equivalent area diameter: d =

1.0kV x60.0k SE(U)

Fig.4.1 Measurement method for equivalent area diameter (150nm particle).
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<DLS % N TORLEE S5 Af - >
T KA T T TR A EHA & el 5 72, U HChL TIAIRE,
JRLF Ty T AT 50, DLS TRIEE/3 A 2 & L7-. DLS TORIEIT=E
25CITATVY, IRBEDSRME CREEL - JEITR/A2 &) 13 25°CIZRIT 2RO MRS
BRE LT, FFOBIESME% Table 4.1 12787, DLS OREHEE 1T KEE 7K
EREDOY —Z B RIEHES AT L ELS-Z vV — X ThD. Figd2 1FHIEHE
B OB E L O R Z R T

Table 4.1 Measurement condition for DLS.

) X L 25°C
FRIBERE FE (cP) 0.8878
TR 1.3328
i FER 78.3
MR L 3

ELS-Z DOft4k

0.00001%~40%

) E = L i ChZ 7281 E)

0.001%~40%
(Zeta BNLHIE)

Zeta AL -200mv~200mv
BRBEE | -20x10%~20x10

cm?/V's

BLF-£E 0.6nm~10000nm

Fig.4.2 Specification for ELS-Z
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4.2.2  BIEVERIE /54T ORI ERE R

150nm Ki -1k LT, F 2 Rit-F v 725 201 HORIF DG Y8 % HE
U, EEEEAE DR 4347 2 5841 L 7. mfEA MR OB ERE R, K1 OEEEEERL
BOVEMEIT 154nm ThHDH. ZOFEERIT 150nm AR - D LRI O FRREE
152nm & —E 7 5.

Fig.4.3 |ZHE L7z 150nm Ko OEEIEAERI /3 Th 5. Figd3 IZB W T,
Rl TRIAR, MR FOBBECTH D, SRR LT, Uy Sk
B e A NT T LATEREIN, Figdd ICBTDHRBIIR A DMHOE A N T Z
DDHITABHDT 4 T 4 T ElTolfEREZRLTCWD., T4 T 407
ICHWHNTZ T A= K& LITFITRT.

_(x_xc)z
y=ae 2w?

ZIT, aldmoEm S, x X0 OHOME, widofhOFEIE TH D, xlThifk
DF—4, YITKA-DOERDT =2 Th 5.

T4 T 4 TR D, R OF— REIE 155nm TH D Z L B3 HER I T,
Z OFHAFERICIBW T, RIE A DT — RERITEECESRIR & —8F 5. 2o Z
&M B, 150nm KL DRLEEDATNIT T ADMMITHED Z & WD, £z, Ky
FiDIESHDEIZHONT, RAREDEHERZAIL 6nm TH Y, EECEERIERIZRTT S
BLE AR OREERAZOEI S 2R T CV HIX 34% THDH. 22T, CVIHEOHE
i RN AR HERL A D CV HDOFEFEE 2.46% & —H+ 5. £72, CVED 10%LLFT
OO, RAPESBRF TH D LYW TE 5[90]. LLEDOZ L25, 150nm
DHSEHRLIIHR LT, F /7 RFF v 72T, & ORE A % IEMEICHIE T
7.

500nm KiF-I2%f LC, F 2 RiFF v T D 212 H ORI EIFEF 42 2 1 &
U, ESCREUE DRI FE 45 A 2 51AME U 7=, 2 Ok 3L, b+ O EBOEMERI S O S E X
491nm TH 5. ZOFERE 500nm EYERLT DO FEPRIR OFRGEE 498nm & —E3
5.

Fig.4.4 [ZHIE L7z 500nm ki OEBIEAERIE5A CThH 5. Figdd IZBWT,
BREOEA NI T DT 4T 4 ZHIFRND, 492nm OF — REDPHER S
7o, B— RERORERFITR 1 ORI & —83 5. 7=, KA
DIXHDXIHONT, R DOIEHERZAEIT 12nm, CVEIX 2.5% THDH. CVIEHD
T Al B AR HERT - D CVE DO FRFFE 1.15% & —F$ 5. LA Lo Z & 55, 500nm
DHHRL IR LTH, T 7hi1F v 7% HNT, ZORE G % IEREIZHIE
T,

(4.2)
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UL E, BEERLAORENAMRIER RN S, T/ hAF v 7%, BBk
BLEE AT LT, A2 TH D2 LB ST,

20

B Number

Fitted curve

—_
(9,]
1

o: 6nm

Number of particles
” )

155nm

0 100 200 300 400 S00 600

Diameter (nm)

Fig.4.3 Number-weighted particle size distribution using nanoparticle chip
(150nm particle).
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Fig.4.4 Number-weighted particle size distribution using nanoparticle chip
(500nm particle).
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4.2.3 DLS &F JRIFF v TS ORLE S AR FHA D ELigk

F ki F v 7 TR E AR RNE O EM: 2 F I 5 7=, T RiAF
v 7% T2 B BB - ORL BE 43 AR P E & 1 DLS 4 FH N T2R7 BE 45 A7 T it S
bl U=, DLS % R 72hr A R E i J & LR ISR

150nm K 1-1ZxF LT, DLS TFx = A7 hEE 3 ERIE L, & DOFHIEZ R
DIFERIZ 156nm Th 5. £70, KA DILN Y Zom 9 25 BEEE P1 O]
fE1X 0.086 TH 5. JISZ8828:2019 (12 LV, K1 DLoyHiFEEL PL A3 0.1 Kjiii D5
A, B DN & A 7237 [91].

Fig.4.5 12 DLS CHIE L 7= 150nm H7F D e 8 B L HE DRI FE 434 & 7~ 3. Fig4.5
IZRBWTC, MRENIRIRTH D, L, B 2R CTHE L, SREEOR T X
%A U T BUGELE IR B DR 2RI K 2 BUEL B ISk 280 TH % . Figd.s
M5, RLESARDOE— R8I 178nm ThH Y, PRI LY K& <D 2 LAk
HBanz. ZORKICONWT, R-IZ XD BEDEORE ITRIERD 6 Tl bfpld
BT, FIRN R E VKL XD EELETRE N2 < M &, RiESMOE— R
AT R LV REWE T T M LA &H 5[92].

500nm Ki 12k LC, DLS CTH= AT MEE 3IEHIEL, O FEHfEEZ K
DIFERIT 490nm TH S, RO L DEITHOWT, ZokdE$ P11 0.076 T
HY, KiAONEIEIXESETH D, Figd.6 1T 500nm K1 050 FLHE DR
AR %R, Figd.6 76, KiESAR DT — R 55Inm TH 5. 150nm ki~ &
AR, B— RERITEBRR LY RELS 2DIEHICV T ML

—7J5, DLS THIE LT=RIE AR & T /BT 7% F W T RLEE 341 O LR ik
RAELUTIZRT . Table 42 1%, DLS THIE L7 ki, /2 kitF v 7% M
WCHIE L7z EERIRR, 368 KO, UKL O S EPRI AR ORBREE O bl 2 7k LT
L. REBRTHEH LT 2R FITRRNE—ORY AF L R ThY, £
DONHPRIR OFERRAEE D CV BN 5%LL T TH D728, RO ERE FITIEAERL 1
DIFEJRIBE DFRIAE & DFEN 5% LUN DA, RIENIE L HIETETWD LH
WrLCu%. Table4.2 226, “FEFHOR F-IZX LT, 7 /2 hi1+F > 7% HWTH
TE LT WHRIARIE DLS CHIE L7z PRI & —3 L, 5 O SEEPRIER O E b
FLITREAERL T~ DOFEAEE & DZED SW% LN TH 2 728, i 5 ORI E HAf 13 R
ZELLHIETECNWD. F2, KIREOIESSEITHOWT, WliFORIERT Ok
R, FFOHMERESMTHDLZ EaRLT.
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Table 4.2 Comparison of mean diameter measured using DLS, nanoparticle chip and

certified value.
Particle type DLS Nanoparticle chip | Certified value
150nm particle 156 nm 154 nm 152 nm
500nm particle 490 nm 491 nm 498 nm
35 T
|
304 '
. 25 1
S
= 201
£ 154
=
101
5 -
0 T T
1 10 100 1000

Diameter (nm)

Fig.4.5 Intensity-weighted particle size distribution using DLS (150nm particle).

(9%
wn
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— [ (3] (3] Uo
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i 10 100 1000

Diameter (nm)

10000

Fig.4.6 Intensity-weighted particle size distribution using DLS (500nm particle).
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KL FEO3 AR DR %2 DLS TIT 9 356, £ OWREMIZ, B X DEELEHEE %
B U CRLEE A0 2 E S 5 7o D, KLEES3 AR ORERNIIRE OBE TH 5. bt
2 X DBELETREITRIE D 6 BT D72, DRI RIS LT, BN
di, dy..dpDRLFOEIZX, TNEN, ng, ny,..n &9 58, KRN DORLTIZ
£ D HIRE DBEEL X

= (43)
l i df .
Thb.

— 77, EESEMEDRIE 54 OS5 6, MR OEESEE CTh 5. FIER7RL T
FECKE LT, BRI ORLT-Z R 2RI 5D D E S g 1

n;

B YEn

Thb. Lizi~>7T, DLS THIE LIZRIENAR & F 2 ki-F 7 % O CHIE
U 7R BE o3 AT 2 Phi 9~ 2 7= 6D 21X, 6T FLUE R 45 A % B 550k Y O R 4y
i % BT 2 MR B H[93].

Fig.4.7 1%, DLS TOJEHREL BRI L /AT 7~ DA H U 7o [EEEAER BE 4340 & -
BTy TR HWTHE LR E DA O g &~ L2, Figd.7 IZBW\WT, #f
HhTRIEE, MEEN IR OEEHEEq, TH D . Fig4d.7(a)F L O Figd.1(b)ix, Zi
LA, FEHREE BRI 5 AT 2> B A IE L7 150nm K138 K O 500nm ki O E L
YEDRIENHT Th 5. FOMIEFIEICHOUNT, IR DR FEE A iR D 6 5
(ZFI Y3 D4R 5 CTHEIE L 7=, Figd. 70 5, KIESAR X IER A4 T D 7280,
F— FRIT 1llnm THY, F2L7 0 MEOFELHELE —F LRV, Figd.7(b)h»
5, 500nm B2k LT, [AEEIS, B— FEIZ 345nm THY, F=2LT2 b
BONYHE L —F L. —J, Figd.7(c)B L Figd. 7(d)xF / ki+F v 7%
72 150nm K1 & 500nm KL DORIESAAFRER TH 5. Figdl(c)B L O
Fig.4.7(d)7> 5, 150nm K+ & 500nm ki DE— FEEIZEILZ 4 155nm & 492nm
ThV, T OEBOEEIREE L —8T 5.

DLS DOREFRERIZISNT, 2 U 7o BB ERL L A1 OGRS AT D A 5540 &
B7p 5 RUTHOWTIE, BLESA OB MK Z O EUCFIHT 2 B85 % = A7
Y NREBEETH Y, B E PR E A L, IERRTH AT EBE X LD
[94-96]. L7223~ T, F /7 hi+TF v 7% O THM S - BB ERLE 75 4 O T
W& DLS & FHWCHIE S AU B BGEUERLE /3 A O TR 2 BRI 3 2 O 13 )
TR0,

72712 L, BEAYBRIFORIE TIX, R+ F v 7% AV CRIE U85 5k
££L DLS THIE L7zF = A7 > MEOEHEIE, B —HL TRV, HIyHok:

do (4.4)
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FDORIEFRERIZIR Y, DLS TRD IR+ DOEWRRIL, F /hi+F v 7 &2 Hun
THIE LT ERIRICR LT, BIERROLEOREREL 7R 55 EZ2BN5.
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(c) 150nm particle; Nanoparticle chip.
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(d) 500nm particle; Nanoparticle chip.

Fig.4.7 Comparison of number-weighted particle size distribution using DLS and

nanoparticle chip.
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424 _WRLT %S ATERLE 5340 DR

221 BIlTR_7= X 51T, @, CMP A7 U —HORRIIES S THY, AT
U —ORFHIZ, ZOH0EURENEL L, VED “IRKI T2 AR THZ EnH 5.
T O%E, Fig2l OX O 72— TOofzF e LT, DEDO IR D54
PR END 0 e 5. 72720, CMP 7k 228\ Tix, LEO KK+
Th, MLICEREICE X D AREEN S D720, £ ORI E L TRERZH
EL, £, BRI RO ETRTIVLENDLD.

TR Ty T TR E AR EHAICI, BBk 113 D BT
BUHATH, RO EREREZFMT 5 ENAEETH L. REicoT,
IR T 7 W TR EE AR R FEBR I 38 T, 500nm R 1-I2%F LT, —EF oD
TR DR S 2. AEE 200 BT ORERIE S S, 22 (B UKL D3
WCT&E7z, Z0H L, “EEROKIZ I8 #E, —EROKIZ4ETHD. —EKkL
“EBROmEEZNZEN Fig4.8(a) & Figd 8bII/RT. T bHD hiFIox L
T, —Whi 1 & RER7e FiE CmfEM YR 2 HE Lz, ZORE, Bk FYh
£ 702nm, = BAEOFEIRARIL 835nm TH D, KIESAICHOWNT, ki +
DENT V7o Te 8, RIEGAITFHMO Lo Tz, £, T2 R+F v 7L, &k
FCRLDOOBIREEZ R T F &, b2 EE(L TE /o8, “IRAL 1 O mifEreE
YEREZWETDHZEIZEY, CMP X7 U —IZHHV&ED Aot LT, %
DRFRE AT D ENAREEE X DILD.

(a) Dimer. (b) Trimer.
Fig.4.8 Secondary particle on nanoparticle chip.
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4.3 B80T R F ORLES AR A
4.3.1 EBREYE

221 HIZR AR K 9L, @H, CMP A7 U —(X, ERED D —KELTH Y,
D EDR I IR Th D, IR T OBV IS, AT U — XSOk
T THHN, IR NENGE, ZO0BERS M THLIZ bbb, £,
CMP 7' RZENT, —HOMEHIXI LT, MEIOREREZM ET 5729,
BIRDIIRBED AT ) —ZRA LT, MLETHIEANHDH. ZD X H RS
ATV —ORIESHINL, EEO VR EIR D AT ) — DR 3 & Fio> 2l
PERIENA THD. T DX D RSk A 2 FFOIRA AT U — b L4 Bokn
TThDH. KETIX, Z0OX D RBIENERLE S % FF > 0 Hcki 112k LT, F
J BT v T E TR AR B OB E A fRET L T b,

ARETOSEERTIX, R 150nm OFEAERL - &KL 500nm OFEUER 1- 2R A L,
ZIENVERIE S OREEBETH AT V) — 52 5UMICHEE L. S/ hi+F v
ZHWT, EORAT7 U —ORESAERE LIz, £70, Rk AZ U —IZx LT,
DLS % AW TRIE A Z2RE LTz, T /KT v 7 % HVTRLEE 70 A7 I e s S
I3 DLS THIE UKL /340 OFE R & el U, ZIEMERLEE /5347 E 12 %3 2 W 7
B OB % 34 L 7.

LITFIE, EBRANRE L ERSGEOFEMAER~T.

<TF P RIAF v T E TR 3 A Il E >

ARFEBRTIL, 42 Hi L FRRIREER A2 AT, B OEEEYE O [F R E
(0.26pmol/L) @ 150nm K71 DAL & 500nm ki1 DIEEE 1: 1 OEIETRAL
oo ERL7ZA T Y —IZx LT, 4.2 8 & RRRR RS CTF /b F » 72 AF
L7, EREMGOFEMA 42 HICSRT 5. Fo, 42 #Hi& Rk FIET, F
JRLFF Y FIEE SN — R OmEBHESEZHE L, 27U —0OkESy
An Z HlE LTz,

W, AT Y —0O YR DRIFRITE DB RINE IR D0, R LIZAT Y
— T, ZIEMRIEE DA OZNEND A E— 27 OUE T, £ OREE/3A0 A IE#
A ETIRD T, ATV —ORESA DO AT O BEOIRREY 7L LTH
HTE2LE20ND. FRiTF v 7 TIETEHEVERLEE 240 2 E L7254,
ZORJESGAANIEL HETENE, ATV —ICEEN D FHRAREN R/ 5
DORIA DT — RRE I IIMEABCEL RN ENENEMICHETE 2 E2 5
na.
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<DLS % H\ 7R FE oA dH >

TR T T W TR E AR & i3 5 7=, AT U —Ii%, 7/ ki1
F v 7 EVERT 50, DLS TRIESHA 2 HE L-. WESRMIT 428 L FEETH
%. FEHOMIES: % Table 4.1 (IZ&T 5.

4.3.2  ZWEMERIEE 53R D RIER R

F R F o TS AR 159 ORI OEBEMA YR RE L, EEIEuEDRL
JENA T L=, 2D 55, 150nm ORL11% 63 ffH&H YV, 500nm DHKL1-1X 96
b5, PELTRER, B OEBCERIEZRIT 353nm TH 5.

Fig.4.9 [XHE UK E /34 2 7~ d. Figd.9 I2B W T, BRI LT, hv
Y NENTRIAENE A NI T ATERRIIND. BOEBITRIE S/ DT 1 v
T4 TR TH D AROEIERIE, RA RO BRI - ORLE AR HERS R TH
5.

Figd.9 5, IBREAT U —OEBIEEAEDRLE AR I L L EMRIE S/ T D Z
& DR E Tz, ZMEMERLEE 5547 O 2 D ¥ — 7 IT e DR 12 DN T, R+ DA
BOEEPRIARIT 153nm Th Y, T U A5 O #E» 5RO 72 E— FEIL 153nm T
HD. EMMOSHE— 71BN T, RO & Btz i+ 5 &, g odh
BROGAADHLE LN B—H L TWB I ENbND. REAT Y —0ORIFESy
BT, RO DONVITRAR ERRDIXE DX (DAADIENRD) 1%, £h
i, HATHC 150nm BL 7 ONEEPRIR ERIREDOIXTEDE &8T5 Z L NHER S
ni-.

— 7, ZAEMERLIE 34T DA D & — 7 35 ORI FIZ DN T, R OEEC - hE
PRIX 485nm TH Y, T U AGH O HROT-F— FEIL 485nm TH D, IR
WVERRR & BOERER & iS5 b IRA ATV —ORESAICEBN T, HRO S
DR ERBRDIL B D EIE, FiLEil, HAHE 500nm ki1 O FEEPRIEE &L
BOFIL- XL —HT L N5,

UL EDFERD G, PN IR E N2 BB LA U =Tk LT, ¥
KIEENE 72 5 150nm ki & 500nm Ki+DRLFE/3AT D ¥ — 7 I8 Z UE U IERE
EINTZZ ERFER I, T/ RATF > 7T HWT, SR /54 % Il E C X
% RREMEE R L.
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Fig.4.9 Number-weighted particle size distribution using nanoparticle chip.
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4.3.3 DLS &F JRIFF v TS ORLE 340 FHAI D ELigk

ZMEMERIEE 3R X LC, F ki 1% W TR EE A st ik & DLS O#L
MWaEFHIT 5729, DLS #HWTHIE LIzfER & T/ KT v 7 ORI E A
KA L7z, LUTIE, DLS Z HWIRAE A T U —ORLESARER R a2~

X a7y ME%Z 3ERE LSS, FHRRIT 378nm TH Y, o8I
Pl O-¥)MEI% 0218 T&H 5. Fig4.10 1 DLS THIE LIZRAE AT U —DRIJE Sy
FfERZ "7, Figd 10 IRT B A R T AMIRA AT U — ORI LEDRLE
DHTHD. Fio, HAE 150nm Fi7- & B E 500nm Rz D FR E FEAE D R
O3 A FLER R HEIS, FOE L T 5.

Fig4.10 205, A AT U —ORBERERIE A, KK, —OOVEREED R
725 WA BRL - D AR INEE LT i e & D _RETH DA, DLS (2 X DHER
Tl HABRL - ONMAISEWREEZRD, EROY—7 BPERTE 20,

ZDOZ END, DLS X, @RI ZIEES M (ZoD Y — 7 ZF-2007) &
BLUTAARERL 2 LT, ZORENMZIELSBIETE RN o722 L3
5. —J, 432D Figd 9 \R TR EDAMORER KNS, T/ RFTF v 7%
W5 Z LT, SN 2 FF ORI ICx LT, ZO0MMICEEND ~ODOHSy
BRI T ORI ESAOE— 7 ZZNENXBIL, HIETEHZ EnNbnd. Len
>C, HEDO Y — 7 2RO LIENERLE 34 2 FF ORI 2R LT, T 2R TF v 7
AW TR AR BT N BN TH D 2 & D3RS S iz,
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Fig.4.10 Intensity-weighted particle size distribution using DLS
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vt=-
44 =]

ARETIX, F /R T > 70, WP HT DR OB EE 53 AR Al -~ 03 F %
ZEEROCIREE LT, 4.2 fHilX, RIERNE—OERESF 2Rk f2xtge e L, F /%L
TF v T ERNT, ZORESH 2 Lz, BIERFIL DLS & HW ORI 45y
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WESTIUL, B ORE MR e L 72 5.

B OIGIRBERIR T2 <, BHFERD D5E, FROERIINEL 20, &
SFYURIZ L AT Y] T2 W r— AR B A EEZLNDD, TD LI
BLFAZDOWTIE, EEEEORFEBE DM X DRSO K 5 72 51EN
ELANSY (0

52 FiLIETIX, 7 /R F v 7 E W TR E AR E AT X, AFM IZ X %5
SFLEROFHENC LV, 100nm LU ORI+ DRLE /A e~ D FH M 2 Bt L
2. S28iTIE, TR Ty T ERAWRL T O SHHUYROERL L OMIE S
FEaak <, B SHYEOFHNCEWNT, S kit Ty S koY T VT T
EOENERET LT, S3EITIE, TR+ TFy T EHWRRIEY T e D
VRSG5 & GER DR FIEIC X D ER LI FIEOBEWNIZOWNWTE & T,

AL, FEPRIBEDS 50nm & 100nm OFEAERLF D & SAHUEZ N HIE L,
TR FETHIE U RLEE /A0 O RIEME DS RIS DU TRERAYIZHREE L 7.
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5.2 AFM % 72 R0E 54 B E D Et

521 BIMHIARDOERLBAESIE

234 FiZib 7= X 9lZ, —Whi I, HD@M%&@ BESED 72 <, HUMIZ
e lmémtﬁn,ﬁ%@méﬂﬁi Lwtb,%@mé_méféﬁi
BESHYURE LTCERTD.

Fig.5.1 I3 AFM Z W — b+ O SFH SRR OWE T EZRT . AFM I,
T —T EREEREICAT Y T LIk, WEERE 3 RafEREELN
%. %h%/ﬁ% IXLT, r—T R FREEZ AT v T DO, R FD by
TNEIZRRIB T HDAX Yy = TRANLRL A DOE I ZRETESH. 2T, A
ﬂ??/%/ﬁz\/’(@t 7 OWHAINZ MR DI E (B S) 2RO T, Ax v
ST RADE — 7 D EOIENE F TOE S OfEi(Height) 38 S FH4 R OME
m@T%é B L HMROICBREN 72 <, ORI ETE L WigE, &S
BRI T — R ORIRd & 72 5.

&M? X LT, ARk 72 5 1E TRIE Lz m SFHY RO RIB] % Fig.5.2 127
Fig.5.2 DX 5 R REWVEEEROGS, & SHYRd T IR FORERLE LT
HWONEZERAETH L, “EREZIZ 8RR EDO/NSWERERDY
B, ZTOREmIEAYRORE NI —RBLAFDOm SHYEOKRE SITEN DD 72
RHAREMENRH D . ZOWE, B SHYRE TR TORBRE L THNWDL Z L
MAEG) D, Z0LE, BIHYRUSNORRELEIRT 5.

Scanning probe
—

Scanning path (
T f(l dh— Height

N

| Substrate
Fig.5.1 Equivalent height diameter measurement for primary particle using AFM.

Scanning path /"\

( (‘* \ dp= Height

T Substrate

Fig.5.2 Equivalent height diameter measurement for secondary particle using AFM.
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KO AU EORIEIC X0 KT ORA DR 30 2 7l 2 B8, 7Eko
W FETIE, R R ECOBEICLY, KifOmIHESRELZE{ L TL
EOMENHSH. Figs53 (FEROFEEZHWTE SHYRZIEST B, b1
DT K DRI AR A E DREZE R 2~ LTV 5.

Fig.5.3)D X 912, HDHRFZIEROFiEE VT, Rhif%2 Hfk BICEE L,
i D SHYRZNET DG, FOR IR — 22 B HR~TH Y,
SEYPRIREN, & T D & P B DR ORI E /A & Fig.5.3(b)IIR"d. 2 2T,
RiF-0NEEl ECHREEE L, REREBEARNER LTEBE, TOBERDOE SFHY
Zd, b T 5L, dyld— K FDRRd, & DFEND Y, T DOEITRIE/SAOREE L
70h. O L& X, Figs3)llB\W\ T, i EToR 10 m S YR ORLEE /5 &
Fig.5.3(c)IZR" T R H DR ORI Rd 23t LT, JIE L7 s SHRE RO
EEPRIAIL(5dy + dy)/6 TH D JIE LIz m SHERITIT UKL+ DRy N E E
D=8, FHREROREICEZEZNG 26D, 22T, KRR 1T%RWT,
— R - DFHERETIUL, 1E LV EERIENHETEZ 52, CMP A7 U —D
21, I H DR D BIER R OGS, IR % bR\ CRLE 4347 % §F
3 2T R TH 5.

— 05, REEZRZRL X kT 7RO TE YR EZMT 2855,
Fig.5.4@)D X 512, T/ Ki+F > 7x, BFPIZH DR+ DoucikEE k> £ £,
P2 HEMRCEHENTES. 2oL X, BHPICH DR & FEMITH DR 1 Ok
A & R Figs.4(b) & FigS 4Rk d. 2 2T, IRFIZH DRI D FEHIRIER
d (X LT, AT ® 2R ORLEE AR L IRRL T DR NG £ 7T,
ZOVHRIRE bd L7 D, LT o T, RO BMERS R 2R 12 %F LT, Ki
FORBIFALUREZNET S LKLY, BPICH DR DORE5AR 2 79 5
LA, TR Ty TIIEROTIELVEND EEZOND.
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Fig.5.3 Measurement error of equivalent height diameter using conventional method.
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(@) Nanoparticle chip for particle sampling process.
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Fig.5.4 No measurement error of equivalent height diameter using nanoparticle chip.
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53 BIHIABROAEER

5.3.1 EBRE

TR T L, B Om SHEYEOREICL Y, WHROSERIEIZ & DL
T DRLE AT ~O 3 M 2 WGt 5 72, AREiE, M ki ra2xtg L L,
TRt T T ERANT, TORESHYERERE L, RS 27 L=, £,
TR Ty T O E Y RORERFIL, ek FiEE AW T
BE L7om SFHYEROMBR L E L, 7/ kT v 7 REOENMEE KR L.
ZDIE, T RiATF v T TR EE AN, K2R 100nm LU DR D
KL AT AR~ DA ME 2 Riatd 5 7=, Kifk 100nm LL T OAEHES  Ki+ D&
SFURZWE L, BLESA 23 Ml Lz, ZORIER T DLS 2 HWTHIE L
TR ARG R & i U, 2 KT 7 FIEORLEE 55340 OB E RS FE 2 3 L
7o, LUF, RFEBROFEME FZREME2 R~

<F KA F T E AT @ S SR O >

F KL f-F > 1% 100nm LA T ORL -0 @ SFHY R ORI O A B & it 5
728, Rt 50nm OFEAERL T & 100nm DOFEEHERL 7-(Polysciences L) ZfH L, &
SFMBEZFM L7, £, RO TEL Ol ZE Lo Wew, Kkt
200nm DFEHER] 1-(Polysciences £1) & 500nm DOFEHERI T (JSR Life Sciences £f)
%A L7=. Polysciences fEDIEHERL - DfLEE% Table 5.1 (2787, 500nm DAZE%E
ki DAk %z Table 3.1 ICEMT 5. T XTORAIIR Y AF LKA THD.
T KA F v TOERSA 2 LU T ISR T

® i =L : 0.20pmol/L

® AR : 8.3pL (AEt 8100 AifiliE)

® KiFACE RN - 50um

® LK :Siv=

Table 5.1 Standard particles specification for nanoparticle chip.

Type 50nm particle 100nm particle 200nm particle
Mean diameter (nm) 50.1 100.2 197.6
Uncertainty (nm) 0.6 1.3 2.5
CV(%) 10.18 7.50 3.69
Method Disc Centrifuge
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BT KL TIE, ARM 2 W T ki F vy 7 oEEE ST L, T/
BT I E S TS RRRNE RO T /RO SR ZRE Lz, Jl
FEHD AFM 1%, Nanosurf #1:0> Nanite AFM C3000 ZffH L7=. Fig.5.5 I% AFM
DA %773, AFM ORIESS:% Table 52 I2F L H 5. 200nm ki3 L O
500nm K7 1Zx%f LC, HIEOEPHZ 10umXx10pm, HEHHZ X% v 95 /XA
23200200 7 A ERRE Lo, HERPH & A% v VEENS, AF =T
By T % 50nm 725, R, 100nm B FHICx LT, AF ¥ 29 H/3A%
250%250 EREL, AX ¥ =27y T % 40nm & 785, 50nm KA BIELT
L72I2iE, WEFIZ SumxSpm IZREL, AF v =7 By F % 20nm &
2% . T A_TORAITX LT, AFM OIE S5 23 Ak & 5 20 (DFM: Dynamic
ForceMode) Th 5. HIEIMEH L= o F L AX—DHAEZ LI FIZRT. T
L AN— O IR AP AL 190kHz, (XREHIT 48N/m, 7' 12— 7 O e 22 1% 10nm
Thb.

100nm 77, 200nm ki3 K O 500nm ki-1ZxF LT, & SFUEROME
TR Ty BT DR A U T SRR E R OO L E 2 FLek L, %%L %
ORI E R ONLEVEAEZ B FLATEA 7 ) 7 KT, ZRAEHNE R O B EhFHH
EATo Tz PWERLFHIZOWT, L, 200 @&FTOREE &4 JIE L.
1 EATd 7= 0 OREFPEIL 20umx20um TH 5. AFM (2 L 5 &P I
10pmx10um TH 572, 1 EFTOREHE RZRIE ST H7201Z, 4 &2 JE
L. 20umx20pm OHE P 2 51 L 7.

F72, 50nm BTk LTI, HERORLF ORIV RTER H D, AE
DFERTIL, EEMINC 20 BEFTORLT- 23RS S U CRIBSAIE U2\ T, Rk
HIE L.

Table 5.2 Measurement condition of AFM

Particle type 50nm 100nm 200nm 500nm
Image size SumX5Sum 10pmXx10pm
Pixcel number 250%250 200%200
Scanning pitch 20nm 40nm 50nm
Imaging method Dynamic force mode
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Fig5.5 Nanite AFM C3000.

<AFM OFx 7L — 3 >

F R Ty T ERET DRI, AFM ORIERE OFHEiE L O 7 v —7 OKIE
AT > 72, AFM ORIEREE OFHNIE, & S BIEAEAED > 7L (HS-100MG ; Budget
Sensor fL)&fEH L7z, FEH LAY o, BEEREE O 4 E S
114nm, FFAREITEI% THD. BEOY y FHMREIL Sum TH D, 7m—70
OB, Y7V EHWTEE S EIZHIE L7z, AFM ORIESRMAIE 100nm
ﬁ%@m SHURORERMT L FETH D.

Fig.5.6 ITHEHEY- > 7 /LD AFM DE# & F O h I friE oW 7 v 7 7 A
SV %R Lf: Fig.5.6 D707 7 A b, BEMEORSIIX 1163nm THDH Z
& DR émi ARES EHEIE U728 S1E 115.6nm T 0, FEHER 7213 1.0nm
T%é 2T, ME L7z m & SRR ADEIZ T N TEEY 7 roE S

4’%"5/&%;'2 AN TH D72, AFM O 7 0 — 7 X IEMEICRIES N TWD Z &R

.
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Fig.5.6 Heigh calibration standard for AFM probe calibration. AFM image for height

calibration standard (left) and profile on the center of height calibration standard

sample.

<V TIEE R E S YR ORE >

B SHYEROWREICK LT, T 2R Ty T RIEOEMEERGET 5720, &
KIEE DRI FIRIE % 0.1uL DIRFE T Si 7 =/ M2HE F L, ¥ 7 i3 lgtk, Table
52 OFEBRGEM TSI U = NTREE SR O YR ZHE Lz, ZOHlE
FERITT R Ty 7 2HONTHE Lm SRR Lz, W L7k
VAR DFEEE LT 0.20pmol/L TH 5.

<DLS Z HW T EEPRIEE O FHH >

T RiA T T TR E AR E ORSE 25l 2720, F /Ri1TF v
T EAERIT DR, AR ERIRIE DLS 2 W ORISR R 2 HIE L=, JIERE &
BERMIZHOWT, WEREIZ25°CTH Y, HIEDOREESM1X 25 Clzk i) 5l
KOFWMHEZRE LT, FEM A AIFD Table 4.1 IZZRT 5.

532 FRFTF o TEAVEE IHEYERHEIE DR

Fig.5.7 &, &M FEEZHWTHE L@ SHYRETF 2 Ri+F v 72 A
THIE L7 m SHYEROHE R 2R3, Fig.5.7(a), Fig.5.7 (c)¥ X ' Fig.5.7 (e)
%, TN, TR FiEE2 7z 500nm b7+, 200nm K73 X O 100nm ki
® AFM [Ei{4CTdH 5. Fig.5.7(b), Fig.5.7 (d)F L O Fig.5.7 (Hix, Thxh, T/
Ki+F 7% 7= 500nm ki, 200nm Ki+-35 KON 100nm ki AFM [Ej§ T
H5D.

500nm Ki{-1ZxF L C, Fig.5.7(a)2> 6, Wi FIEOSE, EAICEE S v 6L

TTRCEERTH D Z L DMERR S T2, FEBRET, 3 CORL IR I E
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T 50 RN EAL7-Z £ D, RLE-2NERFICER T 2 RREBIXH S BeIRETH 0,
B DORFHENIER BICRAET D EEZHND. —JF, Figs5.7(b) 5, ki1 /Bl
IR BICEE SN Z EfERR SNz, T R TF v T DOGE, 2Ok 1%
Fig.5.7(b)D & 912, —Uhi1 DARRE THAR _EIZEE ST, K1 O HHOIRRED
RoOTWNWBHEBZIHNA.

200nm K 1Zxf LC, Fig.5.7 ()5, Wi FiEOSHA, BRKETDIZEA
EDRLAITEE SN Z E MR SN2, WO RIETIE, K FLNER -
TWb Z EbiER SN, —J7, T 2 hi+F v 7 D84, 500nm ki1 & FIEEIC,
BB HEAMR RICEE SN2 Z LR S .

100nm F7FZxf L C, Fig.5.7 ()76, W& MEDGR, —iORFI1L—IK
B OIRFECTHAR BICHEE S Z ERMERIND DY, HEBROLEANT K X 7k
HEHRNBE SN, —F, TR Ty T O%E, K13 — ki1 O REE CTHAR
WZEE STV D,

LEDZ &G, R FIETIE, Ri23 K B CRE L, i o By Heik g
EHEFFT D Z ENREETHD. — T, TR TF v I TIE, ORI & —IRKL
FOARBE CTHAR EICEE TE T, KADRPICBIT D ESHIREZ RO Z L2
ARETH B.
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(a) 3-Dimensional image for 500 nm (b) 3-Dimensional image for 500 nm
particles using drop deposition particle using nanoparticle chip
(0.1 pL). (8.3 pL).

(c) 3-Dimensional image for 200 nm (d) 3-Dimensional image for 200 nm
particles using drop deposition particle using nanoparticle chip
(0.1 uL). (8.3 pL).

(e) 3-Dimensional image for 100 nm (f) 3-Dimensional image for 100 nm
particles using drop deposition particle using nanoparticle chip
(0.1 pL). (8.3 pL).

Fig.5.7 Comparison of particle AFM image using conventional method and

nanoparticle chip. (Concentration: 0.20pmol/L)
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B S BEOPEITIKNT, FFOREICL Y, R RIENER > TWDHHEE,
B SHYROWEICEEE 52 D RN D 5. F kT v 71X, ki1 Ok
RIS T EMARETH D728, RO FiEL D b o & B & SN
ZMETELHLEZEZOND. ZOREBRET D720, WRIX, T/ hFFy 7%
WCHIE U7z i SRR SR R k2 D CHIE Lo SRS & s L 7.

Fig.5.8 1%, 7/ ki+F v 7% L OV FiE%Z AW THIE L7z 500nm R0
T S FE B D Hels g R A 2R, Fig.5.8(a)l il FikZ AV CHIE L7z 500nm
ki AFM Hif% T 5. Fig.5.8(c)l%, Fig.5.8)IZHT D A-A’DNLE QWi ~7 1
77 ANTHD. Fig58)n 5, Wi 7' 1 7 7 A WM OR D v — 7 MR
S, ERBEWVRLAE— 7 D, R Om SFHYEEEIL 772.6nm Td 5. Fig.5.8(b)
35 ki F > 7 & W CHIE L7z 500nm ki~ AFM HEifETdh 5. Fig.5.8(d)
I%, Fig5.8(b)ZEIT D B-B O EDKIm 727 74/ Thb. Fig58(d)nb,
Witk 7' 20 7 7 A VICH— DRI D B — 7 BHER I, K1 O/ SFYRIT
498.7nm T 5.

500nm R LC, Wi FEE AW CRNE L2 SHYEIEHE S i —
R DRI L D RE W, ZOREIL, RiOREIZE Y, HIE LR F23E 0
DOkiA L EHig > T, B & SEROBIUIRBINAE L 27200 TH L. 2D b,
B EEET 58, AFM Z W T SHYRZ EMICHIE TERWEERH 5
ZERND. —F, T RATF IR, ERICEB T DR OREE S Z N
TE, WO SHEBELZEGIHETE SH. 22T, — KR Fa4EBEITHE
WICEETE D720, HIE S Nom SHURIT, K OBEIC K DRRERD DS
ENeNTeD, PIERROMITRAEDKE SITHYET 5.

Fig.5.9 1%, 7/ Ki+F v 78 L OV T ikZ2 O CRIE LTz 200nm R0
i S Y B Hels A A 2R3, Fig.5.9(a) Lk iE FikZz FVCHIE L7z 200nm
Ki+? AFM [Eif§ TH 5. Fig.5.9(c)i%, Fig.5.9)ZFBF 5D C-C’DNLE OWri 7 1
77 ANTHD. Figs5.9c)TlE, W7 v 7 7 A BT _XTO—RKL T D E—
7w XBITE R, RO SAHYSERIT 326.8nm THDH. Fig.5.9(b) 7 / ki1
F v 7 % W CHRIE L 7= 200nm K+ D AFM g T&H 5. Fig.5.9(d)i%, Fig.5.9(b)
IZBIT D D-D’ONEDOKH 707 7 A4 VT, Figs59d)n 5, m SAHYSEIT
208.4nm ThH D Z LN R I 7=,

200nm KLF-1ZxF L C, iR MEOSA, m SHYRITRR LD R&EHES
N, TORRZEIZ100nm LLETH L Z Enbns. —J, T 2h+F v 7054,
T S S B OB ERE FITRBEDOME A4S T2 Z ERNbns.
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(@) 500 nm particle using conventional (b) 500 nm particle using nanoparticle

Height (nm)

method. chip.

1000 700
| Profile on B-B'

Profile on A-A'

800+
6001
498.7nm
400+
200+
0 2 4 6 8 10 0 2 4 6 8 10
X position (um) X position (pm)
(c) Profile on A-A’. (d) Profile on B-B’.

Fig.5.8 Comparison of equivalent height diameter for 500nm particle using

conventional method and nanoparticle chip (0.20pmol/L).
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(@) 200 nm particle using conventional (b) 200 nm particle using nanoparticle
method. chip.
500+ 350
Profile on C-C' | Profile on D-D'
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(c) Profile on C-C’. (d) Profile on D-D’.

Fig.5.9 Comparison of equivalent height diameter for 200nm particle using
conventional method and nanoparticle chip (0.20pmol/L).
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Fig.5.10 1%, 7~/ Ri+F v 7% L ORI L2 W THIE L7z 100nm R0
T S YLD s RE A 0”97, Fig.5.10(a) X Fi% 2 FVCRlE L 72 100nm
Ki1-0> AFM Eit% T 5. Fig.5.10()0 5, —HO—WRL -2 B Iz ns, |
BokLEEATOEZAIZ£L @«%%{MW@ L& N7, 2RI 40 ORI A 126
LT, — R 12HOATH 5. Fig5.10(c)iE, Fig.5.10@)\lF1F 5 E-E DAL
EDOWIH 7' 17 7 A VT 5. Fig.5.10(e)i, Fig.5.10(a)lZ8B1F D F-F’ OALE DK
H7 027740 Th%. Fig5.10(c)H> 5, 98.1nm D E SFH YRR S 7= 03,
Fig.5.10(e)7> B RS S A7z m S A4S ERIE 130.2nm Th o 72,

Fig.5.10(b)l%, F /ki+F v 7% H W THIZE L7= 100nm ﬁ%@ AFM [HE[% TH
L. FIRAF v T OEE, %< ORI, Figs.10b)D XL 912, — &K1k
RECEMICEESIN TS, R FRBIETX D55 36 1 ;ﬂjfmjmﬁu/uz H D,
TR (BEERAR) & WERE S AVTORIARINE MU 2 BT DA T 5. Fig.5.10(d)i%
Fig.5.10(b)I2FB1F 5 G-G DA EDWE 717 7 A LT 5. Fig5.10d)) 5, m
T O S YT 100.9nm ThH 5.

100nm Fi1- (2% LT, Wi NIEOSE, — ORI 13— AL 1 DR HE THMR

IZHEETE T, 2O/ SHYBENIEMICHIE SN DD, —EHORA 13K E WERE
RORETERICEESNTZZ EbdH @ T OYE, w SHYERORERMEICK
SWVWHEBRENGENDIZ EbbD. 2T, ERICETE Sz —RbL D5
SHHYHEED K% JlET L, M%@Mf;/\%ﬁﬁ%ﬁf‘% 55, CMP A2F 1 —oD
91T, LR ERHPIC IR PAFET D86, 1EROFFIETIE, A7V —Ho
WRLF- D & DORETEETMT 2 Z EDRRHETH D, D=8, (RO
i FiEZ2 O BB AT, CMP 2T U — ORI LU0,

— 7, T IRIFT v T OEE, ZEORA1L— kL DIRTE T;E'%*ﬁ [ T &
T, TOESHHYENEMRICHTE TETWD. ZDIED, IWHIZH D —RRI+D

IECIRREDN MR ST 72, FER Eo—Wki 1 & Jkﬁ%@ﬂ;&%ﬁ A N 0V
X, I H 2 —IRKLF & IR DOEDOEIG i T 5 Z LR ARETH 5. LA
oz N, TR Ty T W TC BB IENTIEL, SRR NRIET 5 CMP
AT — @mr“ SIATREAMIT ) LT, ek ORI %2 T BT 5 &t
B L C, EEEE L7z SRR T OIRAIC X0 A U 2 SEERIR DR O ok FE /3 A DR
EZERVRS ZENAREEZSZLOND.
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(@) 100 nm particle using conventional
method.

Profile on E-E"
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(c) Profile on E-E’ for 100 nm particle

using conventional method.
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(e) Profile on F-F’ for 100 nm particle

using conventional method.
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(b) 100 nm particle using nanoparticle

chip.
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(d) Profile on G-G’ for 100 nm particle

using nanoparticle chip.

Fig.5.10 Comparison of equivalent height diameter for 100nm particle using

conventional method and nanoparticle chip.
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533 KELSMOBECHEEDELE

T RLF T T TR EE S A e B 1, BRI 100nm LA R Ok~ 0O%7 EE
DA EH~DF M 2 Kard 5 729, 50nm b3 L OV 100nm B+ D rm S FH Y
ZHE L, RiESMAZRHE L7z, £72, kD72, 200nm ki3 L O 500nm ki
T ORLEE 34T bl L7z

Fig.5.11 1% 50nm ¥+ O SFH YR ORIER R TH 5. Figs5.11(a)lk, T/ bt
F v 7% AV THIE L7z 50nm i+ D AFM Ei# T 5. Fig.5.11(b)iL, Fig.5.11(a)
2B 25 AANDONEOWIE 27 7 A4 /LT D, Figs511(b)n 5, KD E S
WA 56.9nm TH D, T KiAF v T ITBIT HEE 10 O — ki 0 mE S
WA ME UToRER, S0nm b7 D NERIEEIEL 51.9nm TH 5.

BLEE 5345 OB EIZ-DOWT,  100nm H71-, 200nm K33 L O 500nm H77- 2%t L
T, TR, 110 fE, 105 fEF LT 90 fEH DR+ Dm SAH YA RE L, K
iz L7, £7, SO FOWET —F %2 104 L LTHIT T, FHD
EEPRIRR R D, 10 MOFRRDOT — 2 b, K OREEM ORI & %
DARMED S Z 5l L7, 50nm ki 712k U C, KLEEAR 2 HliE 3, SRR O
FZe il L7z

50nm K7D S YR ERIET D721, AFM ORIEDEE, Ax ¥ By T
Z 20nm (ZEXE L7, £ O%E, 1| FIORIEIZE T 2HEFH SumxSum & 72 %.
Z OREHE, 100nm K-, 200nm K73 LTV 500nm K DO RPNE & T,
20umx20pm OWPEFHA 2T 2956, 4 EORRALETH Y, HWER)ER)
K72, 50nm KL -1 3R D A 2 5 M L 7.

Fig.5.12, Fig.5.13 B X W Fig.5.14 I&, £HZ4, 100nm Kif-, 200nm #i+F X
O 500nm KL 1~ ORLESAPEFER TH 5. BIE AR OREREIITI T, Al
(X SHHMES, MEIki OB, v A N T AL, FRARICKT DRF O TH
L. ROHHRE, EANTTLDOHIRT 4T 4 THBRTH Y, RIESH D
T— MBI RIS SZXOFMEICHVWOND. 2 2T, RO B — 27 (k3 5hk1
BIZT— FETHD. HBROBITHEDIEL DX &R, 20 CEHET D, oldhi
FENMOREERETH S.

100nm K- OHR7 FEAIAR I EFE BN I T, Fig5.12 75, F— BT 97.8nm,
X553 182nm THDH. £7z, K+ OREMOFEERIEDRIERE T, 10 o
YRR DT — & OEEIEIX 97.3nm, EHERZEL 3.4nm THDH. WERE k=2
DB, FHRBED A SIE 6.9nm ThDH. KIESA DT — REIT R
DIEE =BT 52 b, R ORI ESARIIT T AGHIHED EEZEZXLND. F
72, L EOFER NS, 100nm B -12xF LC, T /K FF v 7 % TR E A ek
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AT TIE, B SAHYROFMIC LY, K ORI ESH 27 TX 5 2 & MR
émﬂ\é

Fig.5.13 I1Z31F % 200nm $i 1 DR E AR R 6, T— NI 206.4nm, (X5
S% 13 10.5nm THDH. Tz, !%I@ﬂ%i (Z2OWT, FEEIE 206.6nm,
RHED ST 5.5nm ThH B . Fig.5.14 (23515 5 500nm KL DORLE /34 fifR o &, E
— N£&13 497.7nm, 1£ 5> & 1% 36.8nm 13%;%6 F - REER OFELERAERIZ DN T,
TEHIMEIE 499.9nm, AHEN ST 12.5nm TH D, UL EOFERN S, 200nm K 1-F
L OV 500nm KL kLT, S SHYUROFMEIC LY, KOk %2 HE T
XTWDHZENbns.

=
o
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X poisiton (pm)
(b) Profile on A-A’.
Fig.5.11 Equivalent height diameter of 50nm particle using nanoparticle chip.
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Fig.5.12 Particle size distribution of 100nm particle using nanoparticle chip.
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Fig.5.13 Particle size distribution of 200nm particle using nanoparticle chip.
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Fig.5.14 Particle size distribution of 500nm particle using nanoparticle chip.

T RiFTF v a2 W R E S AR RE O E 2 BT 2700, UL EOYEEhRL
PEORNEREFIL DLS & W THIE L7 EEPRIR OFE S & il U7z, Table 5.3 %
1 SFRL R ORI ORIEREE, DLS THIE L72F 2 47 > MROFEHED
it ¥ KO NIST (2 X DAFEAER F DR OFREEZ £ &£ DT %. DLS @
HIERERICHOWT, Kb O R % 3 [BIE L2k R 42 L FIZR3. 50nm
B DINEYPRIAR L 52.6nm, PIfEIE 0.035 TH 5. 100nm ki DRI £E 1L 105.8nm,
PI fE1% 0.015 ToH 5. 200nm bi+ DO EERiFEIE 216.9nm, PIfEIL 0.017 TH 5.
500nm Ki DO FHJRIFEIE 506.9nm, PIfiEl 0.028 TH 5. Fiz, HEHER 1D
PR DFRREEIZ DUV T, 50nm K7 OFEFEEIL 50.1nm, DS 0.6nm Th
% . 100nm KL 7 DFRGFHEIX 100.2nm, AFENS1E 1.3nm TH 5. 200nm R 1 DFE
AEEIX 197.6nm, AFESIL 2.5nm TH 5. 500nm K71 OFFFHEIE 506.9nm, A
ENZ1X3.0nm TH A.

Table 5.3 7> 5, 50nm K 1-(2xf L C, T/ hi1F » 7% O THIE L7z ks 3
DLS CHIE L 7= PR R X OCERIR OFRGEE & D720 %uTkﬁétw
T RATF v T EHWT, 50nm KL O XK A IEFEICHIE TE TS
100nm 733 & O 500nm $i+12%F L C, %/ﬁ%%/7%%mTMELtF%
1%, BRI DFRGEE & — 53, DLS THIE L7 Rz L 0 /h &< 5.
200nm FiFZxf LT, T/ R FF > 72 HWTHIE LRI, FBREHE L D K&
W23, DLS THIE L7 EERIR L D /&, 72720, WThoRiF-IZxi L ThH,
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F kT T O CHIE L7 EERIRT, 1 E0 ORI & DZEN 5%LLT
DI, TRTCORADOFHRENDIELLHESh TWb EE2 b5, £
72, REN S DFERIZONT, F 2 RiF v 7 DA, T XTORLAONF-ERif%
DA SITFRFHE L D KE WV, T, AERICBWT, SR +F vy 7% H
WO SR RET D, BEY 7 VT 100 ERECTHY, kifos
KO L L RTIHEFITD 72 WD TH D, JIEY T NE A HEORIE, Rk
DAFENESEZMZ DN TEDEEZLNS.

PLEDRER NG, R TFIEZHWT, RIS 100nm DR ORLE /346 % & S
FHUROPENBIFALZ ENTET2. £, 50nm ORLFIZxF L, @& SFHYERED
BIENFRETH D Z L MR L, VPRIROFMMAITA D Z L xR Lz, BURT
1%, 50nm OREEDORLADRIEZAT 2 %6, AFM DA F ¥ By F 2R OfE X
DO ERET HRENH Y, JERHNE 2 5MEL MR Lz, H
ENFE A b S, RENM 2T 2120, F /R v 7 BICEE S D kL
T ONEROEEZGGEL, | HIESSHT-0 OFHEEZHE NS5 2 72 X 08
TR BITRREDO RS L EEZ /e D B2 HiD.

Table 5.3 A comparison of mean diameter using nanoparticle chip and DLS with the

certified value.

Particle type 50 nm 100 nm 200 nm 500 nm

DLS 52.6 nm 105.8 nm 216.9 nm 506.9 nm
Nanoparticle chip | 51.9 nm 97.3£6.9nm | 206.6+5.5 nm | 499.9+12.5 nm
Certified value 50.1£0.6 nm | 100.2£1.3 nm | 197.6+2.5 nm | 498.0+3.0 nm

534 —WhiF & ZRAIF DO RXBIE X O IE

TR OESHYRERET DB, F ki F v T ORE ST KRR
R S A7z, ZIRKLF O S FIA 1L, S0nm kiF-12x LT, 20 f&EpToORifE
MESS 1l (CBER) Thot-. “EBIRIE, 2 ORITF2NEEE LT )b+
ToHD. 1FMNT, 100nm k77, 200nm H7 -3 L O 500nm Ki1ZxF LT, 200 &
AT ORIERE RS, T, 9fE, 13 fHEB K20 HO ki +2A R Sh
7o, —IRRI L, UKL ORI, 5.3.3 HilZ BT DRI A EE
il Cl, KRR ORISR L Cleo Tz, KEiTIX, /7 h+F v 7IiZ
B 5 —RL T -« kLT %2 XBIT 5 FikzRe L.

Fig.5.15 1%, 7 /7 Ki1F » 7D bR S 472 50nm K7 O — ki1 & &L D
HERFEOEZ /R L TCW5A. Figs.15() e Fig5.150b)%, =, —kki+
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& T BIRD AFM i TH 5. Fig.5.15(c)lE, Fig.5.15@)\2BT D A-A DALE O Wr
H7m 77 ANV ThHDH. Fig515() 5, —IRALFDE IFHYEIT 56.9nm Th
%. Fig5.15(d) & Fig.5.15(e)lE, Z4E4, Fig.5.15(0b)ZHiF 5 B-BfiLE L C-C’
NMEOWIH 717 7 A4V THDH. Fig.5.15d)Fk LW Figs5.15(e)n 6, T2l
E LT R DmE SFYERE, 47.99m BLRN49.5nm THDH. — A+ & Ik
R Z i 5 L, MEORIMHYRICKRERENHER T Rholz. ZTOT &
N, “IRRLIE, ERELIIEERO X ) /NS RBERTHIGE, &S
FHURERFRE LT, IR ORZREZ I T 22T RE E B2 5.

ZDEE, & SHYRUSN ORIRTAMN L TR & ZIRbL & XA 5.
Bl Z X, Fig.5.15 D X5 G4, KifomESLBRAFHITo 2 ik, —&
Bif-& WL &#XRIT5HZ & b.

ARFEBRITEBWT, BEMNT Y 7 b Image) Z VT, Fig.5.15(@)\2 81T 5 — kL
B L Figs.15b)ICH T 2 —EEROmES LOEMELZHE L. ZORR%E
LIFICRY. —WRi DA, FifOmfEL 0.138um?, EMEIL 094 TH 5.
TWRRIADBA, R OEREIE 0.190um?, EMEX0.77 TH S.

— R & ZIRRLAOEMEA T 5 &, —IRA1E, R mEOEMEN
0.94 THY, WIRBHIIEWEIRTH D, KL 1%, HERBOEMEMN 0.77
TdH Y, Figs5.150b)0 5, BIRIFEM £ 7213 RV EIRTH L. ZoZ &n
B, —WRiF & IR FIE, R FORIRNERXBITE 52 LR S k.

LEORER NG, IR 11%, “BREII =80 X5 /NS REERTH
LA, B SHYET, RERLE LT, SR FOEZFHT 5 I IR @Y T
HhH. FOLE, BEMYEORDYIZ, KFOREmREL HWT, —Whi1&
TRRITFOREIEFMT A ENTE S, S RTF v 7T, ERiCH Dk
F ORI G, —IRbLF & IR 2 XBIT 52 ERAEETH Y, KRR+ DI
BEFMT 52 L1k, —KET & WA FORE SEFMT 5 2 LAk
ThbD.
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Fig.5.15 Comparison of primary particle and secondary particle on nanoparticle chip.

113



vt=-
54 =]

TR T T TR EE Sy AR B ORI R R &2 SR S 7D, RET
X, RIFEAS 100nm LA FORLI2%F LT, AFM ZE AL, ZOE IS Z2HIE
THZ LR, KA DR 2 T 2 FiEERE Lz, 52H#iTlE, 7/
K- > TNZBT DR O | SFYUROWEFIEEZRT L, 1EROFEE N
7o SHUEORIE DMAER Z/ME Lz, 532 81 CIE, WEkoFiEE T kL
FF v TRV R SHYEONEE K L, W& OEMMEEZRE L. £ Ok
B, UTDOZ Lnmhoilc.

W FEOSE, R 23 R TREEE L, IR OB HUREZ#ERF2 2 &
NREETH Y, R EIC R E RBREEN AR LT84, K05 SHYEOHIE
FERICKERBAEND Y, ELWRESMEZIEST D EBRETHL Z &N
R STz,

—J7, FIRATF v T DGEE, Ok & — kL OIRFETEEMN LI EE T
T, KL ORI 5 BEOHREBEZ RO Z ENFEETH Y, R0 E SfHY
BEIEMICHE TE TWD Z EDRMERINZ. LTER->T, T/ kT v 7% H
W IR FEATIRNE, EROWRE TiEZ AW 2Bk L viERLD Z 03
ND.

5338iTIE, T RAF v 7 E AW TRIE A M EA 1X, RiEE2Y 100nm LA
T ORADRLE AT ~DEEZ G LTz, ZORER, LLTDZ & 35no
7.

TR T T O TR E AR, AFM Z2HW T, Rif0mE S8
WERZWETE T, 100nm B+, 200nm $i+F L O 500nm K+ DR 4340 % 1
RICHIE TETCWD Z EDR ST, 77, 50nm K FI2xf LT, & IS
DORPENARETH D Z L 2R L, FHRROFMEITA D Z L &R LTz,

—J7, BURTIL, 50nm DRIEEDORIFDHIEEIT O HE, AFMDAF ¥ B
FERREOMED b HFNSKRET HLERD Y, WERMNEL 725 H
AR LT, MEBRZ M LS, RESAE M 521, ki tF v
FICEE SN DR ONEROREEZSGE L, 1RESH 720 OFHHIEH 2 /)
THZ LR EOFH TR ENRREOWRDMLEIZ R D B LD,

114



BOE HHBRTORT OEEREFMS R T ADHEL

6.1 F&=

2 BEIZHRARZ L9, CMP FrE R ICBWT, AT U —Fo—RkAF+BIW
TWRRLAIE, W& BN LTOERRICEEE KT T T2D[97-99], CMP X7
U —DWEBEEO T2 DZ 53 WORL - ORLE 5347 2 FH 3§ 5 721, |®HIcHh
% —Whi+- & ZWRRIA DRI L IE SO X LSS, W5 O OEIE 2R 5
VERH L. £, BAAIEICH 2 R0 OEUTIN TR ICE L2 KT T 729
[100, 101], — &R FFB L O RKiFDIEEZZ NN 5 LERH 5.

Y, CMP A7 U —OJRERTREMNE, HEERE (BESRE) %2 H
WHNLD. BEIREX, R EROSBIEICED T, BRI THh 5T/ k4K
DEEZAT ) —OERBETESTZHDLEERIND. ZOD, HEREIL, £
OYHORL TR T D —RRL 1 & ki - DR & TN ENEHlT 5 2 & AEEL .

—05, BARE (BEIRE) 1L, A7V —IZHHhiFDEAT Y —DEFRET
FlolebDLERSND. 2T, 2T U —OEEELED LMK 5347 2 1 E
TEE, —RKFB L IRRL AT LT, ENEN ORI A FH &R0
BOFNAEETH Y, RIESAAZHE LA T U —OREN D UE, ALK
FEIZdH D —Whi 1 & ZIRBL O E Z N T2 Z LR A[iETh H. T
bbb, AT U —OEBELAED ZIEMRLE AR D353 X, E/VIREENE, 208
PLAITIIT D — AL+ & ZIRKL A DO 2 Z N ENaHii 5 Z LN TE 5.

BUK, R OB OB E 2 5H0 T 5 ik 7 < il 2 Ok %355
Z LI T, PR 2 RN F T D N—T « 7 VT v 2 JTIE(LPC:
Liquid-borne Particle Counter)73d> 5 7%, ZE ORI+ & ZLHEAIRITK LT, Kt
DEPRIE % ot IR E T X 2 IEITMENL LTV RV [102-104]. — 77, AHFZEIC
BWT, 7/ RFFy 7TRETIE, —EFRBEO/NERZMET 52 12k, ki
FEERNCHE L, EHRICEE TE 5. Z 2T, EBRICH HREHESICHEE S
NWIZRL O & D o bR, KL OBBUREZFMICE 5. 7=, Rt
F v 7 TR EE AR B IR 1, TP & 2 50 eIk BB O RL - D LR
DA ERETE H720, CMP AT U —H ORI D B/ DR 7RISR LT,
Z DRLFEAR & BRI RE DR DR EIE L & [FIR ISl T & 5.

6.2 HiLlth TIx, T 2 hiF v 7% B T2 200 Hoki 1 Ok o O 5 B A o
AT LEESLLUTZ. 62 HITIE, EVREANY T AZHWRERGT HIELY
BEL. 63HTIE, T /RTFF 7T EHWT, ZEERES A EZFHFOAT Y
—DFEWREART N T LNERE L, 2R U2V IR MBI & MREE L 7.

115



6.2 FIVIREANRY b7 A& AW RENM G IE

ARETIE, ZEMERIEE S0 2 FF-2F / Bi -1k LT, &30 & Fi okl D1
Bifg, FiEOIXL DX B I MEEIREZ RIRFICEREDENVREARY N T L%
EE L. 6.2.1 HiTlE, EWMREANY N7 ADEREZIRTZ. 622 HiTl,
HEEECEBIREZR L, BEEREOMERZHREFT L. 623 iTIX,
BREMEDORIE DA R ITIEL TNVIREAT v T AOEFLHEE LEL, K
FEMEDRLFE 541 & W T2 25 BohL F OIR BERHA O FTBE R 2 MFT L, E/RE A
Y T LADOEREBITIEOR EERRZ. 624 FiTlE, T/ R+F v 7 2R\
FBIVREANT T LAORIEFEEBRE LT

62.1 EFNVEERARI NTADER

& 5 ZNENERIE /04T 2 FF ORI 12 LT, CMP A7 U —DWWEEHD =9I
1%, B3 ORI DIEYPRIEE, KR DIE B & 3 K O OEEIEE %[RRI FE
CTEBIENRRDOLND. &DHEENRV ORI LT, R IEHRIZ kR
DRI DRI B L RREDIE L SX 2 RORLFINRIET D ETHE, £0D
B3 A 1X Fig.6.1(a)D & 5 7o ZIEVERLE 34 T 5. Fig.6.1(a)llB W\ T, iflH
DRI IZxE LT, ZONFHRIRIEd;, KIEEDIE DD E 16, KiTD8ILS, TH 5.
Z I T, BEMERIE ST DERT A =2 G, R ONYRi R, KiEOIEH X
ERLTDOEP RSN TNDED, FHOR TR DREDIX S DX 2 FF O,
BN D, FHEMES,ORKE S ZEHEICHET 5 Z EPARETH 5.

BHLDRL - DEEJRIEE, RIBRDIX S D& &R OEERE %[RRI ik © &
5720, ARBFETIX, Figolb)D X > RENBHEANRY VT L EER L.
Fig.6.1(b)IZ BT, FEEIIRIER, Mk O MBECTHD. iFHOE A b
77 KZBNT, EOEINLIE B OR FREOEMREC, £OH0I%i%EH Ok
FREDORIE F 72138 — NBd;, T OMEIZiIE B ORFREORIEEDIE S DX 6;
Thb. 2T, iZHORAHOENLEECIE, ROGDICEHETED.

Si
=N (6.1)
Z T, SUTRIESAICEIT 5% B ORI REO AR TR, VIZRLE 534 & I E
UTeRL IR o TV ORFE, NI T AT R EThDH.
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(a) Multi-modal particle size distribution for poly-dispersed particle.
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(b) Molar concentration spectra.
Fig.6.1 Definition of molar concentration spectra.
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6.2.2 HEERELEEREDLE

TREANT T A, (EERE CHALRTENIC & 5 & EE R & R kL
FOEEAER L TWD. T/ B OREFHIIC I T, EER TR DR E 5y
FIcEb 5, —F, BEEEL KTOSNEEER TEKOERETE -7 0
ThY, RTOnBMHICEDL LT, KTOEEpRICEDLS. 2072, Kt
AN DRLAITKT LT, TR ORL OEE 2 5l 2 121%, ERER Y
NT A, IEROEERE L VEND. LT IE, BERE & EEREZ kT 5.

Fig.6.2 1%, EEEEOKE A & EEEEORE MO Z R L TN D.
& DRI NIE ORI 03 & FiL, o Okl F-ORiRlX, £ Fi, dy,
dy..d, &t T5DE, TRTCORANE—DREEZEED, dy, dy..d, 1T PRI E
HLWEA, 2 ORI OEESEEDRIE /54 % Fig.6.2(a) 1. Ki+DE
BORERLICRESMENFOBEB SR ER LR ESME, TNEN
Fig.6.2(b)F & O Fig.6.2(c)IZ~d, Fig.6.2(b)ZFBWNT, #tlhiLd 2 kitkd Dk~
HEwIh 2RO EEW T 2E &S Ew/ W, Th 5. Fig6.3(e)IlBW\ T,
el & DRI DRI DENDRL - IR DN T HEH S HEn/NThH 5. Z
DL X, Fig62(b)# LV Fig.6.2(0)0 5, ZHENDE— FEIE, d,38L0d, T
HD. dy B I OdATRIF-DORERTH D FHRARAEZE L. 2D, KifRic
TR NGRS, B DRIEE SRR 35N T, B B IEAE DR FE /A0 & B O
ORLEEDATIET ST & B LTV D, R FIREFHMIIC I W T, HEIRAE & EERE
EMGEbE L TWVND.

W, TR ORI, B TiEel, HDHEL X OFFHANIZOANT S.
Fig.6.2(d)1L, RN, 152X NEDRLF DE S FEUE DKL /34 % /=T
ZIZT, mAOEBESITARNO G BN EBEWT 5. RENEL & &k
S, KT OB & RER UTORLE /34T &R OEE 5y 3 2 32 U TORLEE /0 A
%, THEh Fig.6.2(e)F L O Fig.6.2(HIZ/”RT. Fig.6.2(e)iZB\\ T, FEMIThi+
OB BFEMEDORLEL AN, s IR DB RE DRI /341 CTd 5. Fig.6.2(e)1 b,
BB ELEDORLE 34 O — RRd,, & EEEMEDRLE 34 O — RO/, 6,
DIRZENAET D, TOEBE %2 LI FIZRT. Fig.6.2(d)DRIE /34 & FF ORI 712 % L
T, KRNy, dy...dpDRITFORBIE, FNEN, 0y, no.m b T5E, KTFOR
BIITk_n, = NTH 5D, R OEECEL R

k

3 i=1
d= T~
i=1 M

n;d;

(6.2)

T H[105]. %1@@&%@%?%01“&:%(1?,)@%5. Z 2T, plXRiT-OMEHE

EThHD. KOEREIIGITHHIT 57280, kOB &R, 1T
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k o d4

l 1nl d3
TH H[106]. R(6.2) & K (6.3)D 71T Fig.6.2(e) I BT B E— FEDIFAES, Th D .

—J, RLFORESMBIER S Th D55, ﬁ%@ﬁ@&ﬁéﬁ@ﬁﬁ“%ﬁ%
Fig.6.2(DIZ~"T. RLEESA DT — M%d TR DOEEIRARA EFE L L 72D,

UbDZ E0n, F 7R ORZBITIES D& 2 oA, BEIEHEDRIE i
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Ci, C;CTHDH. TNVBRBERSYT T AE, 8 A NT T 2OFLNE, FB L,
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3 FREORIEEDN T2 DAFHER % FN T, UMK EE 7340 % R DRI IR TR & it
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7.
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124



FE53AT & i L7z,

6.3.2 FEBRER

<VRARITO W HORL - L EE 43 A 1 T it 5 >

IREHTOBIEAERL 125 LT, F /R +F v ZI2BIT 2 60 HO—Whki 1D
FEAR Y22 3HAI U, KEJE 55 An & 374l L 7-. Fig.6.4~Fig.6.6 1%, 24, 150nm
DOFERERI -, 200nm DOFEUERL T35 L O 500nm DFEAERL 1~ DKL FE /A7 Il EAS F T
HD. T, BEENIRIA, MR O, b A T AR HT DR
TOETHD. IROMFRE, EANTTLOHTTIRAT 4 v T 4 U 7HITHY,
KIENA DT — REB L UREDIZSSE OFHMEICH BN S.

Fig.6.4 7» 5, A RTO 150nm R7F12xt LT, KA DOE— R CEEPRIAR)
(% 155nm, BE¥ERZEIL 6nm T 5. Fig.6.5 725, IRARTD 200nm ki + (2% L T,
BLFE 3 AT OF — RE8IL 200nm, FEHEFZEIX 7nom TH D, Fig6.6 05, RAHID
500nm kL 1-(2xf LC, RIS O — REIE 491nm, FEUEFZEIL 12nm TH 5.
Z 2T, Fig.6.4 ORLESARRIERE FIE 4.2 Bl Lz 150nm ki~ O R7EE 45 4
TEfE R(Fig.4.3) & —H L, Fig.6.6 DKL/ AR AIE RS R i3 4.2 HilZoR L7z 500nm Hi
DRI A ERE R (Figd.4) & —E L, Fig.6.5 ORLEE/AmHIEHEFIX 5.3 Hilz
7~ L7z 200nm R OR7 3 A E il R (Fig.5.13) & — 3 5. LEDZ &b,
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Fig.6.4 Number-weighted particle size distribution of 150nm particle (before mixed).
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Fig.6.5 Number-weighted particle size distribution of 200nm particle (before mixed).
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Fig. 6.6 Number-weighted particle size distribution of 500nm particle (before mixed).
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Fig.6.7 IXEAHZDO AT U —DORESMAER R TH 5. Fig6.7 6, REH
DRIV DRLEE AL, ZIEVERIE DA TH Y, :OODM%EW)MV“%ﬁi zn
%n/\ﬁon@ﬁmf%fb\é ERHER SN, Z 2T, EROSHE— 7 D
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Table 6.1 A comparison of mode diameter d and standard deviation ¢ on PSD between
mono-dispersed particles and poly-dispersed particles.

150 nm 200 nm 500 nm

Sample - -
g d g d o

Mono-dispersed
. 155 nm 6 nm 200 nm 7 nm 491 nm 12 nm
particles

Poly-dispersed
) 152 nm 7 nm 200 nm 7 nm 492 nm 14 nm
particles
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Fig.6.7 Multi-modal number-weighted particle size distribution of poly-dispersed

particles (after mixed).
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Fig.6.8 Molar concentration spectra of poly-dispersed particles.
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