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Effects of Hydrolyzed Al Species on Coagulation of Humic Acid
Student : Jingyi Hu Advisor : Chihpin Huang

Institute of Environmental Engineering
National Chiao Tung University

Abstract

The hydrolyzed Al species of coagulants is significantly affected by pH and further
governs the coagulation mechanisms that affect the removal efficiency of natural organic
matter (NOM). The aim of this study is to investigate the effects of Al species on the
coagulation of humic substances. Two polyaluminum chlorides (PACI) containing different
contents of Al;3 were applied on the coagulation of humic acid (HA) at various dosages and
pH values. One commercial PACI (termed as PACI-1) and another PACI (designated as
PACI-Aly3) contain Al;3 with 7% and 96% of total Al concentration, respectively. The
Al-HA flocs formed after coagulation at.various pH values were identified by fourier
transform infrared (FTIR) and solid-state °’Al nuclear magnetic resonance (*’Al NMR) to
verify the reaction mechanisms between the: functional groups of HA and Al species.
Furthermore, the morphology of “Al-HA floes was observed by wet scanning electron
microscopy (SEM).

The results show that less dosage is required for PACI-Al;3 coagulation than that for
PACI-1 coagulation at acidic pH ranging from 4'to 6, where the optimum dosages of PACI-1
and PACI-Al;3 were found due to Al-HA complexion as well as charge neutralization by
monomeric Al and Al;3. At pH 6, the optimum dosage for PACI-Aly3 is lower than for
PACI-1, which indicates charge neutralization is the predominant mechanism at acidic pH.
On the other hand, the coagulation efficiency of both PACI-1 and PACI-Al;; substantially
decrease at pH 8, but the coagulation efficiency of PACI-Al;3 can be improved by increasing
dosage at which the zeta potential is around zero. Moreover, the FTIR spectra reveals that
carboxylic groups (-COOH) of HA complexes with monomeric Al and polymeric Aly3 at pH 6.
For PACI-Aly3 coagulation at pH 8, numbers of phenolic groups (-OH) are bound with Aly3 as
well as a small amount of carboxylic groups. The results of wet SEM show that the PACI-1
floc becomes linear-shaped structure and the PACI-Al;3 floc is slightly curled at pH 6. In
contrast, the PACI-Al;3 floc formed at pH 8 is more compact and becomes sphere-like
structure due to strong charge neutralization at relatively high dosage. In addition, the
results of 2’Al NMR analysis with Al-HA floc have indicated that a few number of oligmeric
Al has been generated due to the depolymerization of Al;3 in the PACI-1 and PACI-Aly;
coagulations.

Key words : Coagulation ~ NOM ~ PACI ~ Al;3 ~ Wet SEM
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Alkenes =C-H (bending) 675-1000 Strong
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Allynes C=C{(stretch) 2100-2260 Variable
O-H (stretch, H-bonded) 3200-3600 Variable
Alcohols O-H (stretch; free) 3590-3650 Variable
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C-F (stretch) 1000-1400 Strong
. C-Cl (stretch) 600-800 Strong
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Ag:g;i‘izs’ C=0 (stretch) 1500-1570 Strong
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B Aok A kS SN H A AR (EHI) K
R 4B BORA SRS SR 4 2k 4R AIH0), ' pH>4

%

1:»

i
PRk S 4R g 4 - K r| ik BokfER o TR OH BT KRR R
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2AI(OH)(H,0),*" «—> A12(OH)2(H20)84+ +2H,0 (2-1)

oo F i ten tp Al i A dpip s chsg g2 B OEARA) - $ 5
PR E G Mg - RBEF AR o R 2-3 477 (Baes and
Mesmer, 1976) » & ¥ A e pHE 72 5 & @ A& v /45 - & (Degree of
neutralization, r = [OH]/[Alr] ; Basicity, B = (y/3)x100 %)* 6] 533§ 4c » -k
SRR K RRE R g R ST 2 52 & A e ena A S PR
o SRBEF TG EWDE AT RES kY BRI - Ik
o REE DR EE BT FE AT R

XA + yH,0 = AL (OH), " + yH*  (2-2)
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T By K Pl A
[Al (OH), " Y J[H*] £

= 2HE . (23)
Xy [A13+ ]X f213+ 20

Fad: f,gz\—},%, v ;];;Tég__*m,ry},ag;;

g RN T e R RTA X R A R B R R chALARE B
(Alr)2 pHIE o f < pbod B30 (92 4rd 3 K fR-R & F p 2 k22 ¥
Bohod 2-4 407 0 T od £ 2-4 BRI KT B 2-4 AI(IID) & e pHiE i
T ook R A 0§ pH=3~5 P 48 K335 4 2 & AP AI(OH)™ -
Al(OH)," 5 2 ; @ pH = 6~8 PF4E-K 225 ik R *2 AI(OH) B 4 i £ 5 4 5
% PH>8 P > 48 K24 3k ~ 3802 A(OH), 3% &

d 1 Ao Al kP e B AldE ~ A E 2 AR
Y o W ARF A AR IV L Rk R A 0 R E P
# 5 A"~ AI(OH)’' ~ AI(QH), .2 AI(OH), '+ % $2484 48 & Al (OH),"
AL(OH)," ~ AL(OH)," ~ AL(QH);s " Al,(OH);;*" ~ Alg(OH),' %
Al;304(OH)(H,0)1,"" 5 i 5 [AIOH):], & ¥ 48 4 & ik 4 (Stumm
and Morgan, 1996; Latterman, 1999) -

fB] 2-3 Alz(OH)z(HZO)gM’ﬂl i %*#@(Baes and Mesmer, 1976)
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f2-4 GRARS R fR-ROEF s T Y o

F s Al tEF pK
A +H,0 <> AI(OH)* +H' 4.95

H#4ek 2 | APT+2H,0 <> AI(OH), +2H" 10.1
A" +4H,0 <> AI(OH), +4H" 22.9

2 AP +2H,0 <> AL(OH)," +2H" 6.27

K iz 6AI" + 15H,0 <> Alg(OH),;5> + 15H" 47.0
TS 8 AP H20H,0 € Alg(OH)" +20HT | 68.7

13 A’ +32H,0<> Alj3(OH);, " +32H" | 98.7

T Al(OH)am) <> A" +30H 31.5

‘ Al(OH), <> AP +30H 33.5

T4 &R ¢ Rubin and Kovac (1974), Nordstrom and May (1989), Van Benschoten
and Edzwald (1990a), Palmer and Wesolowski(1992)

AI(OH),

S

AIG(OH)153+

y

Al(OH),
a0 MO ,
AlL(OH),”

12k
14 Alg(OH)204+ \

-16 +

log [ species concerntration ]

Al(OH)*

sl Al (OH),,”

_20 | | | | | | | | | | | |

Bl 2-4 Al &7 f pH i & 2 -k f225 i A G
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2-2-2 Alyz2_ & 4841

Johansson (1960)# =& #& 1 AI(IIT) ki3 7% @ % % Al;304(OH)yy e %
R4 FE > 4o 2-5 1R o R4 AR AR E )% TAINMRY R £ 4R
% (Akitt et al., 1972; Bertsch et al., 1986a, b; Bertsch, 1987; Akitt and
Elders, 1988) ~ /|- & & X-ray4z %472 (Rausch and Bale, 1964)% > & k2 /*
(Water and Heely, 1977)#72 F ° iT & R #Aland S84 3 3L &
£ B > 3 T AlO4OH) e Pk 4 ? Edehe 5 M 5 Pos > ¥
Pl L+ = B4R~ o 88 A7 S5 0 @ Akitt and Farthing (1978, 1981)c%= 7
PRIt > AU RRPEZRDOR R 3 pHE DA IR B % F

454 7 FIR A 2 AIOH), £ 5815 4 & Al F10 35 5 AIOH), 5 Al 4

B 2-5  AlisOs(OH)(Hy0) 10" e 3 S 3] 0ot 20

§ AR E P AR kR R RGBT A
FortHIRET UAALE > B TR RAKEL O A ERGBR

-15-



PAl3Z 2 €7 AR o H? o BARER BRIV ik ER -~ Ardk
R HEER CFRER CREFEZ ERESTEE e B TAlD
FR BB EE RS FEAT BRI NG R FARE B
AR AT R SR

Bertsch et al. (1986a, b)*>* % % Alj32. B A23 I > B A Al 02 =
PR B R B nE ML BRAUE S &Y £
VAL A& s g B RE P g IS £ PAIOH)s itk
P A4 o gt ¢t Bertsch (1987)% 3§ 4vdki# B iF MPF € 12 = Al(OH), 57
N RER O MRWHEDL XAl SR 7 £ 8 g At
BB SR 2 FhokbiE REILE £ PAIOH), § &+ AlOH)s % K
P A o AT A F I @ B AL (N R (T AL S R R
Al3inz £ € AR S 0 3F %<0 Bertschz 5 A_d »%/8 & % i e % €3
St - R oo

Parker and Bertsch (1992b)fif% 2 feer4e 4k & V8 7 Alj3en g = 42
T POARRENRAEER ¢ FRALGE O X IR &
WR Ak RER R A T 0 A LB PALE B BAY £ R T
Zo TP R (GF e NaHCO:% % 2 AICLA % ® )~ & % (G
se AICIi3 7 3 NaHCOs7% 7% @ )fe i B¥(#-AICl foNaHCO: 3 833 7% b &
e rE R )EZ ik A HAl EOREEEHE R AT RER
SR RN AA PAlGR S @ ke PR E S o BE R A 4o cipH
B AL Ed Sk SR

Kloprogge et al. (1992a)F] * Al NMR#} & =& Aljseiide 4 1 i 12 (74
o REEABALT 12FHRD 26 3R Alyhs £ EEE

- 16 -



HAv > T2 HF* A 2> N EE DAL £ € B F 205

bR RARE-PIALZ B4 ¢ AP 4o o 2t ?h > Kloprogge T 7 3

TR RHALE PR BRH M 85 Cenig T AL

A RRER X BERBIRCE By hALE WP § B4R E
@ g3 5 Al & #8(Kloprogge et al., 1992b) -

Kerven et al. (1995)F7 7 7 SO #tAl ;32 £ @ B> 75 3 R E

# Al NMR & % _Al-Ferron; & {7 48| f& ¢hip] T % ¥ SO, /AL & a3y

fvo B HAMARA s 7 REBE R 0 A MRS Al Al ERIEEF

o

T gt - R S04 ¢ AR A X ALSO e £ g 0 X
2 FPAIOH), 03 & > @ SO, § Pigpi-fhe B R EAHIFY » A2
Al(OH); il & 30480k & "A0e

2-2-3 Aljp2_ f& T i+

FE AR E o Tk adR R AR R R B R A R
LEERMGO PHTAlGR TR R - E kY Ay
A LERRIA ML FF AL RY 2R RSET R oo
Wang and Hsu (1994):2 52 Al @@ A9z 52T > = k2R & @&
R ARG R b A B IG > AAIII)R R T A (B) L TR E 1.8
o RE DAL ¢ Bt v 5 L LPAIOH)s & Z ) ik # Tk © @
Bertsch% (1995):n. 2 @At 2 2.5 2+ » pHA 4.5~5.5 FFehAl;t ifg
Loy PAVH S > pHEEZ 2 5 (>6) > AlRIE - = { R E & -
Parthasarathy % (1985)P]z0 42 Ak & 0.01 M3 % ¥ > 4ok & I B 7 4216
2.5 BIALST & PR i - £ 20 & o gt ¢b > Furrer et al. (1992)41] * *Al
NMR A 45 7 3| 4p i1 s % > % 7 & Alr = 1x10° mol/L ~ OH/Al =2.46 %

-17 -



PHARBIT Sen@P i 27 s Al a2 B T 7 %3152 B! > g3 ®P &g
A5 AR L L - L OH/ALR Y 2.5 B ¥ 73 chAl B S fL & brmmk > 3

OH/Al% i£ 2.8 » NMRZARpI1F 5 ~ BALK & 5 o § 82 Al RI R

~

B
F_&

— e AR R Al BB X (5 € MM 4 o Furrer® ¥ 5% ¢
ST 0 BpH < 6 R HARIT S PF 0 Al2 ¥ 4220 pH 6~7 FFAL, S T
ECEEGAIG P REERARE > RIEFARL  Alpds s B B

(s
Qs}
ETIRS

d
4~

d
%

2 E9NA TR LEELT FPHE A FREFR s 281 &7

SRR FR- T RG22 EF R E 4(PAC)H 0 E A
AP E T RDAIRE M o Pt ok EHRRER BT - Tl

L
'L

3

o fdp g R R 27 epHIR B P T BFH AL % o &
kR R bR 1 B Rk R T A 0 e SR
R R oK AR A EAS R AL B - RN R R G
A 0 BT 2 AR Er o d P LT ERA D

~

2
f
AT LR T EAF 0 FlA A e 4 s o :té’bg LR L TS

(SERCA I Sl B R (P I S EE &L

S g KR AL AR F‘Eéi’ﬂﬁﬁ#’ﬁ -
d 2T Al4FF z’ﬁKeggin,égﬂf# P A g LA e B d 12 B A
BALE B0 B A BT AIO, V- g d B AR

PEPALR S+ EokB R Y AR R e 2t W SN ek iR e g g

£RmE LT LR Pl T R R T

- 18 -



®a o4

I
ht!
é*‘i

CE R ARBIRRSKRE BRI VK REER R
LR A

# 1t (aging)if T PR & V483 R (>0.1 M)
- EW AR E A~ AR E o deAlp ~ Al 2 Alps ¥ 5 1R 4E

P TREBERESL AL Als: fﬁ%‘f\lf”* #1345 = (Bertch, 1987,
Fitzgerald et al., 1989; Thomas et al., 1993) o 44 47 .5 % & 7 » Alp, 5
3 Al 93 Fi (Al defect) » 4 4 — B4R~ 5 47 2) % AlpOsif
FHE 00 Alpy (AlyOnp) Rl Ed & B Alp B = 97k =

i s B AR 2-6
s

goehs AKittE 4 BIH DAL R B A RS AlGE AR L g B A
R P L T U TR SRR

ﬂémﬁﬁﬂ,uwmaa1wm Aﬁ%ﬁz7w70

(b)

B 2-6  Aljzead b 404 (Sposito, 1996)
(@)% 3
(b)7 i Alp 3]

Aljsdk Feale i 0AL 3

A AL BT



) 2-7 AlB%— d & %/H.—?- ’%‘% )}% -Efj\g: ik *ﬁ‘ﬁ:wl (Sposito, 1996)

Axelos et al. (1986)4]* /| & & X-ray¥z 5+ip] T Al B & 8 ) e
& (fractal dimension, Dy) > # L% [Alr] 5 0.1 M ~v5 2.5 ¥ pH5 4.5 »
Al B2 B ¢34 - e a8 B R 4 > 2D 1435 Aavs 2.6
RpHA 6 % > Bl25 2 D% 1.86 U RS R - B < (1998)4 {245
i ¢ A ek 2R Bl - A8 AIOH), i 3 Alis2 % 3 5%
P BE o AT E k0 35 5T TR S RPACIY Als B AR RIELE B
29 7 % SgpHiE % it @ #x % (Wang et al., 2004; Hu et al., 2006) -

%
5

FApHE ~ B FEM bR EAZ kb B2 BE & FILEFLAK
RN ] T T A RE R TS TR T
$o A AF AL 6 B R fechiBAz? 0§ U4 EAL L -

A
"W

WooRBRT AlA 2 S @ i A2 2 Al end] i B

-20 -



xR T_ 0 H P 1w O’Melia (1978)%% & 4p I 72
TR ZRFULER R R AL & RT R S R TR o
AR R RO A SR IS AR AR Y KRR SRR
ORI M R S A 4 o S L L i R A S nchl
T R 2 R o BIRERIZEAT A gt < R
RIS FIEL G BT RASLL G F AR IS e

'T'J /W/}{-i “/f X ’J‘J ﬁ‘ii,fn m;}p Fﬁg,gﬂﬂ TR b g3 L_'/ﬁ,gnzw A3

T
3
=k
%
'44‘s:
i

AN e R A2 x;rt*,; WA LT hF > Aokl A 4R(Alum) ~ AR R4S
2RE MAE(PACDR A E > E R 3 p g PP 2 A BBV A= 2
B > e b a7 & RATR A SrenB Rt Y K ARSE H Y o %
RA GG P E LR R GAA RBRAE G P EHE RS- B F
SR AR o 10T A Bl LBl RS B g R R

£ FFo 2 WS R MR TR 2R e HAL)E G B

feul

E‘B’L/Vb/}’if%)}} o

2-3-1 v R EBH
R BRARR T ORES 5 2 BRFEOREM e kY A - @R
B R 2o (A G TR AR EY A BT kiR Ty eropd
R agick S s TREAYHI TN > RSP ER G L 5L R
SRR ORI (7 TR 2 18 0 A Rk R B Lz 5B
(Floc) » #7235 X en# 333 B ¥ A fs Fam KB B e 8 A2 ¢ 43 %
(Benefield et al., 1982)

2,

O’Melia (1978).5%, 5% & Hp 12 K 3

-\1\.



FEAZ &3 AT o AT 8]
1. B4z A T B & 1% (Electrical double layer compression)

Rign B Lm LA R4 3 (7% o7 DLVO 323 (Derjaguin and
Landau, 1941; Verwey and Overbeek, 1948)# 7 11 e > 32 34 $f ko eriad B
RAB K “ELRE A BETR T LT B o dok h ok A
RRA] 0 WAk RS kR o K€ R ﬁﬁ’m%ﬁmﬂﬁjf(@ TR ER
CRETES T & SN SRR IECS SR IEE NP ¥ 2

2. Bt-71 ¢ feI® 35 (Adsorption and charge neutralization)
Hahn and Stumm (1968)4; #14F ¢ &-k® 2 &4 & T vk 2R &3
i’%ﬁé?ﬁﬁﬁﬁﬁﬁ%ﬁ%i%%ﬁﬂgawﬁ*’%%&g

1
FRECE 2§ Ak o WA AR R SIS @ SRR IR g H A LR
F_iEH* > ¥ 0 e q_)% e f&ﬁm’ﬁ 7@ £ fg‘;g e . J}‘J'g/i’gﬁgﬁ‘} A2

ﬁ"é’i?&gﬁ‘ i% T{E— * o

. PV-2E 7}% I? 45 (Adsorption and inter-particle bridging)

B - %W“ﬂﬁaéiéﬂﬂb%ﬁﬂ#ﬂ%ﬁ&ﬁg
Lamer (1963, 1964)#13# 1! o * R Rk R E L BE AT
o pE bR RS- B S Boog il AR SRS B L o
St o w2 AR T A R AR TR .

4. T f @ 24 (Sweep flocculation)

-22 -



BRG] S B R AT H R P
Bd &V Pk o R E A
£ J 34 48 pH B E B R 2RI 4
BEfRT > S BRREREARAE L DT F LR § BB

£ 4p iR 5 1% * (Heterocoagulation) -

2-3-2 4 WHRFE2HEFI

AR R RM o R Tl & T B I
(1) R A fa5E

RGBSR RP RS RRE LR TR
548 ® R A e TOC 2 f KRSt AE @R 5% K| (Edzwald and Tobiason,
1999)> 5 & RiAp & > fe S48 @ o e IR B E T & BT g 48 £ SR G

Hundt and O’Melia (1988)14 pefic 4t 2 PACI 5 /R 8% > a2 3.5 mg
TOC/L e feip i » 18 Flai e chk £d Roa ¥ 4 & pH 5.0~5.5 2 FF >
“E pH B 4 tf 22 b o @ PACL i S pH (%) pH3.75)7 § 224
R N BT 5 80%:d "3 2 3 ok pH AT ELAER
BAR A R @A T b oo ¥ UREE R R E T E T A A

B o

-3



Al;(OH),7*" ~ Alg(OH)y* 82 Al;304(0H), " % » e 5 ZiE R 4 BT p| b &
AR 0 9§ BT g iR g

% ¥p Edzwald and Amirtharajah (1985)% ¢ * sy 7 ;8% & {7 K ik ik
B BRI E AT F 2 v 82 (stoichiometry) B 7% 5% 0 % % 8 Ak
Gt pH S iERT o B AT B RFERER EREM G JEh A ARR
AL P ok FE i ™ pH 7 P73 S8R G 91055 § 1t
RS G -

(3)pH &

pHE %7 4R &3 “,/f”ﬁ P S FIRB R Y fkde B € TR
TP fRRAR R > F R ER KIS KRS REAF A T A D
—“ﬂz BR? o SR B clrc o — @ 5 ppMEIER T 2 f 3z %
PAF o FIR G B e 3 T A R R R K R TR

=

CoRF SR T RTT VeR M 2R MpHERE T & IR A
B S H DRI RP AT A5 o F 2 pHIEAR hdg Mg 2T > 4 8

Poo T fRYARRARG 0 TH f L AAREARS 0 2 ApH>6 1 0 £ HRE
FA 5N F T332 £HE F I (4cAl(OH); 2 Fe(OH)) » H 3 &
pH>8 g it =02 f L5 4 i (4cAl(OH)s 2 Fe(OH)y) o i3 4p
B erd g ¢ W S § IV 4B0R ENOMZ B i pHik (T [ 5 4~5 FifiidR 5
5~6 > @ B & (L4ER] 5 4~6 © Ik (TpH & § Bl FfL4ER

(4) kK F
MR BT B PR otk s f Y F L B
A

7 p
F(EEE - BB > wC )T H RS G hE B L A

-4 -



P ﬁ’?—'b‘_ﬁ?}@”ﬁ&ﬁ@% & Fom L EEM BT AI(OH) Ak ",‘T? (Fetting and
Ratnaweera, 1993) o & % 133+ frii a8+ 7 € F33 5 4 3 f £
%o A& FUR ARG € HALLZ 283 2R E Kerven et al. (1995)F
T ¢ FIR o %" TAINMR R F Al-Ferron2 i& (7 483 f& chip| 20 S %
so42'/A1w B4 > 3R ? HAARA L Z EE B2 3 > @ RAFkAR 2
Rkt v (Al Al AE ¥ T o gt - B R i £50,7 ¢ &
SR 5 AL-SO, T ehEE £ 3 B FAIOH), 7725 % » ¥ SO & § $54r
PR E G EAREY 0 22 A(OH) ik & 3 184 R 58a ™ ' o
o BB AR 2 4R s € BTG B iR R “/T‘ (Joseph et al.,
1995) -

(5) & 2R
BARRREY ¥ 57 B2l RS G PG B § S

RORRE L o M3k A S FRTE S AlfERRIEY 4 R AR uug
e (Gregory, 1993) » B 7 Z 2 R AR B EH B - A d o @ PBIEFD
EEFWSRAET HERM T RIR R 3P F (Rebhun and

Lurie, 1993) -

(6)F &

dRREEREL B LEF AT Y o 72 L BAERES
Fh2 a WA Em 1 BRI G2 S E HE OB - Van Beschoten
and Edzwald (1990a, b)% % 25°C 2 4°C ™ & (7§ faiR frta 2o v e
e MR PR L2 ",f Pk A2 Y AT RE 0 ER B K pH
R e id =K endE R b

BE AT L g RS R o

_25.



I PEGER G BT WA o B MRV AL 2 AR e 3

.J

%%¢%%£$w$fﬁ’?ipfi%%ﬁﬁii*l%%ﬁk

AR B2 & »xendE & F]% (Collins et al., 1986) - Gregor et al. (1997)

!

3
-'C'
E\

P?%%ﬂ%ﬁ’*QéiD@Muﬁ*ﬁgﬁ%?gﬂ%%ﬁ;%ﬁ
fb 0 LB F T HE S A5 DOM (e HA)T 7 @ B » F) b 2 & et &
FEIAATRA T

FHARE  FIRAILE R R S FE S DR Sk (R
48 3 4750 5UR] L (Bell-Ajy et aly2000) 402 @ 5147 R 32 522 % DOM i)
R R R L WA - 45 ",4rt R NG R A A3 G B Bk A
+ 5 PRI 3 'ﬂ%’f Bohr g AR g KM A R e T R 2

hydrophilic acid % -] 4~ + hydrophilic neutral » & & 5 sTse % € o

S o fpRZ. T > M A+ £ DOM (4 FA)F

2-3-3 Al 3 842 R i

FMEER AT RER LG PR RS R ER DML R
S - ERER REOTRANE G WL F St B iR X
BA#HLY AL
B i R AL 7 B i R A A (8 AR R 5 L R T

B A BT WHMAR S ABUL R Y SRk o g

*\

ERTEOGS T NET > A IR P A 8 )

e AL Al R R X ) R R AT R AR GIT Y 8] 0 1
I IFRNET PR

B B iR g4l 7 % 7 i T 1965 £ > Hall and

- 26 -



Packham (1965)F! * 45/48 B R SRR A FfEfe 2 3 o> b2 pH BT »
e d AR ERS S ﬁ_‘r?z?%%%?/w\—? b e Ao AR B AR/ABOR R A LA

A eHJf 1 # 7 (4o aluminum humate ~ aluminum fulvate) @ 7k » H ¢ #
Tt F BT A ARy pH>S o B AR » F o
B4R/ A 4 KL F(chelate) o ot b o B i X B IR AL 4R xf_ A
ROFFMF 2 9 25 LB 50 FaREHET koo RS 2Kk
WA B TR BT G o f,a);t;&;w‘« LA NI T R EE S ‘7 DOM
(Dempsey et al., 1984)  F % 57 > Edward and Amirtharajah (1985)~ # ¢
Hhcchig koo R R g2 A g A a g s R RS e
K012 4 3 40l o § B3kt pH 7~8 B ek #F 4 {%gd St T8
(At “f LR E PR B FERL et pH iR 2T AL d T A ¥
A A 2 R 2R MR eS| 5 1 AT o R R
B P4 RfEA Y 2 20 RBRIEE L DT A 74 FEDY
Foom R OT Y fofrdde b T oiedhdq & 75 = aluminum humate 7T
B R R Ed ik od T e, TP o2 ,Uﬁﬁﬁf (A g R~ 2
FRME F V)RR E SRS ",’TT 3% & 2 & % 4](Duan and
Gregory, 2003) ; ¥+3 ¥4 7 = » Pl A5 f3 145 B 2R EHR S AT A=
PAMAEEFZ DOM i e T g 5 V5 4 3 & F RisH
(Lu et al., 1999) -

d b T A PR EEF SRR s B d B2 5 G
Pl R LR ED S ARTFEANA S Bk BRI
BF BB A (DAMPHER » & BiA R b4 58
T eiEr B [ R B E ST B EF
pHIEFF » 3 3 4e g R R GHPF > K7 A5 5 3L g RURk

_27-



(4rAL(OH); 2 Fe(OH)s) s M v it df 45 47 @ A8 4% o 20 % -
Bk 22 b otk D R PRRBASRE G FRA
G P RAARR G R §il A e ARG Y A L R 7
fBoom $ 305 - B4 & 5 ML e LB %&%—i"ﬁi’*‘i

Reni R TR0 T U EREPT RN B 4 - -

S0 pHIE ol iR A R T 0 ] SRR - B4
;‘%;‘L s m é’_ﬁ'{rngl"v- lif\'fﬁ;&rg /vh/ ’?Jéc*j:%"él_—r ’ ,ﬁ %#/E/}i%"!ﬁ Z B

¥- 2% B3 ?ﬁk’ﬂ;ﬁ %% ¢ e Al/C ratios 1735 = it ik 7 & 2.
B2 & Al/C ratios < 0.03 FF > Al-OM complexes = i% f%{%(Jansen et al.,
2003) > @ % Al/C ratios > 0.03.f¢ Al-OM complexes B 40tk » 4 ¥ Al/C
ratios 3 v Tk 4~ £ 2 ¥ 54 (Nierop' et al.;. 2002) 5 X/ » B 3 #Rix
DOM ¢ %2k & Jis > Flet > Al/Cratios ##r I - FALR (81 3 € 3 4
DOM ik & o ¥ e —Pehd > #7575 rdlrai £ B 0l
P BT R AR AR B g 8 £ S PO AT G Ay AR R 0
W EFERRA AR E EBRAR > RS BT VL NIRRT
fo T AT @ 5UR 52 (Edzwald, 1993; Matsui et al., 1998; Cheng, 2002)> =
H_Powe L€ R R FA S 2 — (Sinha et al., 2004) o

Ra o PACIH*NOM©® 3 2125 14 (DOM)R 5 4% “f ST AL RF S
FLrAL S gingk o - & H s B R L apHE FIR 0 PACIF & 5
fa(Fulvic acid) 2 £ 17 % A, Lk » ° A MM M iE 2T B E%
fe T ORAT 3 5LIR 528 (Alum)(Dempsey et al., 1984; Zouboulis and Traskas,
2005); = 5 RixA 7 AL 5 PACL#H ",‘T? DOM¢#7= 32 % 4rAlum (Rizzo et al.,
2005; O’Melia et al., 1999) o pt I % 3 & F] 5 27 7 ¢ PACIZ Al = i» &2
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R L AL
PUeh o 3T K AER B J\ﬁ* s &4 R & &F(AIIS)ﬁ % ﬁx AR K AR
VR TR AR B R K T

W
Ik
2

7 g B4R A i 2 & 1 - Masion et al. (2000)% 4 i 14 NMR#£ SAXS A 45
RS RS E R A S R R R kA

Fep)ehr &7 0 ApH 3~8 4R A G G H RAR( > T0%) & MR £ 4R
(dimers and trimers) » @ F & 4E(i.e. Alj3) » F| 5 peizdgn L R EE*
RN A SR S LRk S A & R R 1
Frehg 2o 3 h AN K f2 % AIOHF 22 AN § 484 2 [ ik & &
AP PEFad . A E F A8 WL kP p d 48 (Edzwald,
1993; Van Benschoten and Edzwald, 1990a)- 35 5 # 3 7~ e ' HAF & g
Svik gEA R P BB AR(Alp) g & v R HASIAL; B ani®® fraf A1)

— % L o Yamaguchi et al. (2004) #his % &7 0 487377 ¢ 4e » HAGS >
Al HA ¢ = R B2+ Als-HAS 4 A" T k> P fu i+ Y
et LR E e AV 8 - BF a3 fRALRR S AT o gt Al-HASE
P hd v g ALY ¢ EHE SN G A AL B Al-HAS
&4 ¢ DAl € L PF R R f2 = AI-HA 4% £ 47 (Hiradate and Yamaguchi,
2003) -

FE A RFERY 0 3 WA KR EL F RS T ERL
#77 PACL#3 BFRAS %2 By > AP URSHFEFBET B
Pz B iF 2 R ARBRART B RRZPERLIEER o

‘;\\}
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5% FEHHE R E

3-1 F &+
1. A1 FHEphh-k
AR TR T 2 G 84 5 Aldrich2 7 904 & 2 FHERE A0 F]-
B3 LOFER S 7T RR BRI EAGES T oIS 41
FpR-kH FLeFmat ditHBitg 8 FEmp A3 3 4
FoR o e WAL R D FPpHEARIT Y 1 FHMEEL = 2B EEHE
B 10 448 ML MRt e A KD He F Y 0 12 4000 rpmdes 20
Ado BN KRR TR £ gk o EAF L i BT
EN ’ﬁij"‘/}a TR IR AT R o E F AR AE
pHEZ 10~11 F > FFHPEed 2R3 3 ke AMRA FF i/
ApHI P 4> £ 12 0.45 umAl e e RiE R 0 TR R T L F R
Pl I 7 o 20 SR GGRR AN N B AR AR R H TOCH » 4 i 33
BHRL R % TFRR HEEAY 54~ 10° M2 NaClO,% Na,CO;
TRFRPIRRE A

2. R A
ARG P @ % 2 PACLR GEH 5 B3y * (hPACIZ 9% 3 p 74
% 2 B & B PACLR 4] » iR 5 2 847 - # i & (B=OH/A]) % AL,O; %
B dod 3-1 957 o
He 37 BAIG2ZPACER ER W& > 2% Bruait 8 4 42
(Gao et al., 2005) > > AlCLi% 7% © 4v » k& B (2 | ZI ¥4 > #2413 § 0
Wi BBy G TFHEE A 5 RALZPACE AR Y KR B AT
T 60C ®WE N2 AL ERF C4ERRBEL 23977 80%
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Alp - AR SR AFFRE2 [P RFLEE ~ kR &
B 24 TR o

Bofs M ERBL AN 2RV EL 4R B2 B=23 2 PACIH 1t % 73 9
95% Aly32- B 3 & erPACHR B 1 8 (TR GEF B o B L PACIZ = 2 4
£ 41 PACI¥ % IFOH-AIR & 7/ fi 2 fnfe i w foeids 4 B £ B 5 4
Al /S PACEA % ® 110 4 S Al L B S 88 oot 2 38 0 A3 B4 ix
PR S8 R R RS BRIk EE R SR
PACLZ# & & Sis B 4 J i kR A EEF HAIGFHA &8 7L
e R E 7 RIRR DHALB R o

%031 RARMBEZ RAAEP

R A ALO; SO “AINMR _
a5 B . = 4 -
= v e PR Al(%6) "Alis(%) Al (%)
PACI-1 14 10% <=35% 384 6.8 548 ¥ (SHOWA)

w50 ¢ KRB

l'/ iL‘ g = _ é_
PACLAL; — 29%  — 0 95.8 42 ot gk L

ERCAE A

q_
-

T SO /Bat E Bk 4 1V B=2.3 2 PACI#7 {8

Fefl iR s REH kA 5 1,000 mg/L as Al » 3480k B R
[ “Ff; % 2¥# % (ICP-AES) (JY24, Jobin-Yvon, French) £ iB] - PACL®
PR 2 483 R A R 4R PR £ 3R % (PTAl NMR)(Uniytinova-500,
Varian, USA)#&p| » H T4 S8 22 R F ~ARZ BR - &
W % 130.24 MHz » D,O% 298K ° #-4.2 mm:# ¢ (Wilmad 507-pp, SP
Industries Inc., USA)¥ % » 1 mLz 0.05 Mz %% (Al(OD)y){s » #&
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» % F 3mL4E% % 2 5 mmz# g (Wilmad WGS-5BL, SP Industries Inc.,
USA) » %514 i& 77 Al NMRA 45 o £ % Al(OD), 2. {* & =4 5 80
ppm > 0 2 62.5 ppm#~ %] 5 H §145(Al,) % K & 45(Al) 0 Alyz A &
BIF| 2 4R 6 0 R A EAETE N A 3.1 ¢ o H ¢ PACL-] Al 5 £
&3 7% B~ 5 HAlLZ BRE4E(AL) > @ PACI-ALR] 7 7 1T 96%

2 AL e R EOR R S 2R ABBER R4 F 4CkEY o3 E IRR
$$W%ﬁ%mihﬁi£@’ﬁ%i%%%§@%?o

3. BLFL T 4
% * Riedel-de Haén*1# & criNaHCO; > ** @ Sk (7% p 113 33
kARl 5 10,000 mg/Leih i i3 i o 7007 5 G R Bl * o

4. ¥ FLAp
iz *J. T. Baker®t4 & e7iNaNO; » @ @ ki (7% p 13 33 Mﬁ?‘
#aedl 5 10,000 mg/LeriZ s AR s M T AgET R R o

5. Bipk

@ ekt AHRRORMUEAR S IMPRREEEZRR
BRGSOk R -
6. & § 4

i * Panreac 74 A i F 4 o FREEAR S 1M i § 404
BB R RS R R SRR T R o
7. s

5 MFS 2 7554 & el & B LS B0 0 iR IR G5

R > BB TS 47mm -~ d4 K] 5 045 um e
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8. 47iL &4 7% (Aluminum standard solution)

» High-Purity 2 & #72 & egeiR 84 7% )k & 5 1,000 + 3 pg/mL
T 2% Y 0 i ICP-OES 2 Y & B4Rk & PfFH G
%

o

o
To¥

/
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32 RHEAE A HRE
1.pH *+ 2 ¥ 7 & 3+ (pH and conductivity meter)
5 WTW = 2 @:¢ ~ 41505 InoLab Multi Level 1 ek B A 47 i%
» pH 330 E =i * m ie P%r 7o Eaiide R R (pH A
401~7.0% 100°25°C) 2 R Bp 2 RSY 274k s £T B
SRl s o s KCHERE % (1413 pS/em » 25 C)ie 7 R -

2. i & 3+ (Turbidimeter)

# % WIW 224 & ~ 38 5 Turb 555 ¢ B3t 2% B - E.
4 5hEE R kR BRR Y AR R R AR R R TR E
Hig * e & Pl R A 0.02~ 1,750 NTU (-2 & % 0.02 ~ 10 ~ 100
% 1,750 NTU)» 3t A A5 7 % rllods A 1 Be-K el B & §8 AR (s -k
Ten P BERARE R o

3. FLHF 7% 18 (Jar tester)

% % WPhipps & Birds 2 & %% ~ A% PB-700 2 {7 5% 15 o
Hb < 7 2400 rpm > & #&:& 230 rpm> #EEL7.6 cm~ F1.7
cm > F P AERFR Y ILFV AR EFEFE 7 % o

4. T3 KIS/ A E T =2 & F £ £ P ik (Zetasizer nano series)

% ® B Malvern = & %1% - %] 3L Zetasizer nano ZS ks s/
FERTEEAFEERKR-LR* VERPRFRP IR DR ET B
RS A T RS 0 2 B RIRE TR R R R RIETREA

PS B A 0.6 nm~6 umo @ B E T et A 47 S 5 B 433 nm
~ 10 pm

5. & %%k & 3+ (UV-VIS spectrophotometer)
¢ * HITACHI = # 4 & ~ 31%. U-3010 s7 UV-VIS 4 &k & 2+ >
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B £ TG 366 nm o e OriR i etk ek B F 3t B R G|
SR AL A TS 0 gt eb > X3E FuR £ 254 nm R TR K B A

f -

B 18 & T4 RS 8 54 % 3§ & (ICP-OES)

KPRAEE B B R D & E ¥ JCP-OES » % 2 834 (32
i~ 488 0 7 I3 455 5 Jobin-Yvon JY24 0 2 5N
(Sequential) i B » 3 » enF 4 5 Ar (6 L/min) > # % g 7 5 W@ R 5
99.99% o if pl4E % £ ok £ A 8] L 308215 nmZ 212412 nm > A 45 pF
il R R E RS 0~10 2 0~ 100 mg/Las Al # (kB &
WL 0~100mg/LasSi> HR*E % * 0.995 1+ o

5 AL A 7 iR (Total organic’carbon analyzer, TOC)

% P *Shimadzu = 7 @3 ~ A5 5 TOC-5000A > 1§ jp| = ;2 5 2bm
FCA) b apl e B 2 o P PR RARZTOCK & - B~if £ KR53 045
umik SE R S > FI % HCIpE s @ HpHE<2 "3 #R§ F RFi 12~
15 &~ 4% 13 “,f KR m AR L Rk tRiE 2 TOCA 47 R A 17 o
EBRAREO80CHETE Lok RHEY By WAL EL 2
COyié » d &332 5 FELKICF BE - % AL S Toa: S AP
B A4COER » kR T L TOCH L R -

8. F i & & g Bk £ 3k & 7 ik (Solid-state magic angle spinning

nuclear magnetic resonance)

e e 11 PACI-1 % PACI-Al ;R 388 i gF 2 if iz ™

cd

&
&

R L

f$ o #A) = 2 TR /@1(%19";4154‘%‘3‘“5‘3»% REY LB

FHUAIR & NE L PR S JRA 3T o r i ¥ chik B 5 4 IBRUKER 2 7

#] 13 e7DSX-400WB NMR Spectrometer ~ NMR/Solid 400 » 3 & ¥ 2
'H/"®N-Cu MAS probe » 7 mm rotor ; 'H/'*’Pt-*'P MAS probe » 7 mm
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rotor; 'H/*Co-""P MAS probe >4 mm rotor ; Multinuclei broad-band probe

2VTUNITB-VT » R B & i 2 SRIFLRPEE =L o

% g3 b b 4% 2 R(FTIR)

FAEfE RARRRLE B2 F ALt I FEEF L&
BoPow 2 B R & fF A Sk ¥ ik (Fourier transform infrared
spectrometer, FTIR):& {7 & 47 F B Pr B30 % {6 20 S22 5 1 493k % 1Y
1:100~200 B[R & > FFER £32 3 (1% R P SHE-H S R - B
Z B R R B R FkHRR  FRALEFERG
400~4000 cm™ » 45 #7117 B % 1 SR 1S T B T Rl £ oK
P BT 2 A R T R g ST R g AT & 2
Y
10. JR 44 58 T 5 B s (Wet SEM)

#-PACI-1 % PACI-Al3s? Aok Pt il & 1525 2 933 i »~ @ 3
Z_ 1k &1 (QX-102, Quantomix Co. Ltd, Istael) b » o~ 4k &4 2 ¥ i@
THZEWERMEN LT RBEIRSE T BRI AR EERR TR
B HaE ity SR HE s pH 2 I*%(Katz et al., 2007) - # &
BB sad e VR S+ B Aas(5136LS, Tescan, Czech)fl 2 i
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3-3 7% ﬁ
g AT 2P RG22 Fﬁﬁrgy&lf%ﬁ<>%ﬁ3%7 3
R A R G R 2 AR T TR MR R R GRS R Y

S FE 7 Al R 2 PACIR GRE (7385 v 0 38 ’fﬁv‘ AN L

éﬁ

HB TR AN FERET S AT B EI A F PPACHR 53R 5

%%@ﬁ&%qﬁﬁ; R 4 2§ ﬁﬁﬁ&;ﬁ%§o@%ﬂﬁ

BB o A fAR EE FpHE LR GEH e LT
RGEI 2 3 > MFTIR2 r1,“:.27A1 NMRGE {753 33 & 47 > r2 4P i 15 38

E Lz 833 31 ¢ _l‘ng ]rgt\,g\ lﬂ' 14’5_‘2,1,-, fg;}‘ﬂjféé\ I/r’P
SRR AT R e B S £ U LB R B RE T bR s
T A ARl o Y P Y wet SEMi T LR > Flwet SEM

%
o
5
&)
=
‘-3;
\:
=
i
i A

BT AL R T AN R e LB L B

333 ESEM v B io i B ATERS 3L & 2inA % > F] M 1 wet SEM AT HE B
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LU 1|
| (1)PACI -1 (7% Al;3)
(2)PACI-Al; (96% Aly;3)

BT Y 337

S CR L

%%ﬁﬁf Wet SEM

W 3-1 L
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3-4 B ERHR
3-4-1 R A2 48T B A ¥
(1) Al-Ferron i% p45 &t & 2
% ® 1 UV-VIS A % k3 % (U-3010, HITACHI, Japan)
B 48 & T R+ 54 % & (ICP-AES Jobin-Yvon JY24,
France)
(- )EHpe
=& A [0.2% (m/v) Ferron ;3 ;% ) :
% 1020 mL & & :§en3 g3 -k P 4o » 2.0 g 2% Ferron 33| (7-
-85 FhrEek-5-R k) AL R H B 218 > 12 0.45 um g MK g

SERE N ILFRHAY - X EFATAKHEY F ¥ o

@4 B [20% (m/v) fEpadris e )
P50 g #-kAspadh (SodiumAcetate)id %> if £ EX S .
0.45 um Jg M iEimts B ~ 250 mL &E ALY 0 S KA D % R A

NETS T R 250 mL 3 B ALY H AR AT B o

FRC[1:9fFRmBR]:

#-100 mLE@pasA g B2 43 kY > %68 ~ 1L 2 8ge

T KA D 2 RS

Ferron +* ¢ % :

Bois#-AB 2 CA4p 2.5:2: 1 B v 6% » 1L 2 8%

PR ETS > T Ferron b ¢ R o e AR 0 F R R ~ikfa P 4C

AR EAS IHLESITRY ST A I BIARY RE o
CHRERY T

LpeflE R 10 mg/Las Al 2 45188 % - & i 25 mL % £ 73 B >
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L g B£FLP 54 » SmLFerron * § % > 288 & B 4o » 0~ 1.35~2.7 ~
4.05~54 2 6.75mL c4p iR o 4o kAR T 25 mL > el 2 4Rk
B A5 5 05002004~ 0.060.08 2 0.10 mmol/L » # % #25 1 1/
Ak kR AT R 366 nm kuP] TR R 0 W 2 e E et A AT
T oo
(= )43 s ipl 2

Mg 17 AR A s 2 R EUR A 2 10 mg/Las Al > 3 5 ICP-OES
BERAEERSET > RS mLE > 25 mLE 57 » 4c >~ 5 mL
Ferrontt & R isilig4e » 3 B+ KT 3R M > PR E323 (S m sk
KB ARE 366 nmEUR] T F B- A 48E A EF2Z 3 kiE o KHRE
RIEH 57 FALE AlE R > £ BICP-AES #7ip] {8 eh% LRk R AR -
FisTVEEFALZER -

(2) VAINMR Z_8 » 452
% % : YAl NMR (Bruker DSX-400WB; German)
(- ) Sgiw
17 & NMR R 2_e4ets £ 800 4 % fe 8 0.0025~0.005+0.01
2 mole/L e 4riak » T8 H pH <1 MEEFZRY 4E3 & >

-n\g.

R5 H 4RI o 7 L4 80 ppm P 14 5 fE K 5 10 AU4RRR

-‘?

AR TN R 40 ppm At G fF i T AR A 0 BT R AR
BB AR AREBEE G fF SRR R R -
(Z)XE AT

PACI:7 Al NMR 3% 4 ] 3-2 #7771 » & R 6 124548 4 % & 4 27 15
B K kEE D OppmZE 63 ppmEutrE 7k & 4R 7§ 263 ppmt
oGP ww RrAERGF AL DR IRE > A BN B 12 B2
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farh+ > X2 R AL E S F AR BV AIGREESE B
L 63 ppmAdE it £ 2 4m g B0 13 @ o @ — 4 & i 427 Al NMR¥& i#
MR B R~ § F VEMME MRS F o Rl ORI TURSF
FREAF WAL A Al R 12 T B0 AR R R ehiE(AL)

Al (%) =1 - Al (%) - Ali3 (%)

Bl 3-2 PACIz *’AI-NMR ] ¥

3-4-2 SR 5RES

MRAFTHRDFETRF F PRI B EE PR T AR
(Phipps & Birds, PB-700)i& {7 o & =t jR sk LB £ FiEfE A
RS RAETOCE » A FFE G WUkR 5 5 mg TOC/LZ
Rk ¥ ARG 40 107 M2 NaClOy* NayCOs 1% 5 %
B 5 R A de K e
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,q.;}—kb,"’_é%’ﬁi’?;}j:? E’}Xwé‘.f‘r'}} /vb > ‘Ifl/vb /’LIES’L—H; 9? ij&‘ﬁﬁ%§ o

2 EfLR P~ 800 mLE >t 1 LM ¥ » £ 1 200 rpmz. PR i
EPE ] A dm o PR RIS 2 B 2 i § *(Zetasizer nano ZS,

Malvern, UK) > 2_{¢ £ &g 30 rpm2. Jo iR iF 2 g3 15 4 45 0 51
FUHK 20 A 418 0 B g T 3omfn b ER 0 BRI AR B R G
¥4k B (TOC-5000A, Shimadzu, Japan) o & &3 (P2 pHE & 4] »
3212 1 M HClpg% 1 M NaOHpq M FE L A2 4 2 A E 4 » 3R 7 >
A~ s p B R RpHE S TR T .

B SR HE LR G R RS 0 A BIER R pH T 2 R R A4 2R
FALfAs 5 2 WA > F % FPd e
(1) pH &4t 7% I 5 B PACI R jira 2 32 58

fe e AR A TATRAR R & 2 RHERLA R 4v > 2.5 mg/L as
Al T #] £ 2 PACI-1 % PACL-Alj5i 53] > 3k €2 B ¥ pHiE g= [ /1 ¢
4~10-F S @ A 37 PR 15 3 a2 Bk 1 2 R (s b R 2 DOC
e R o
(%%F@&PMﬂﬂﬁiﬁﬁﬁwﬂmmﬁ%i%§

PINF TS REEPpHELZ 6 2 8

A E 2. PACI-1 % PACI-Al3i2 5] 8 52 8] 4c 2 § 4 30 2~12 mg/L as Al

—\

iET /\‘;vlj4t7‘7$ &

o driRis A, s a2 Fad g =2 mis gk 2 DOCK
BB o

3-4-3 Ep B FREEA I B2 0% A7

SIRGF B & § L F R PUE 3R A 47 K (Solid-state Al NMR)#
TP RARE s FF 2B R # o B R
R RFTIR)A 47 Ffifh s + e S4rb fBF B2 A R F it ko
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7] ‘5@&/’35//%"]{% PACI-1 % PACI- Allg/va ’37?' L_ﬁxﬁleE % ﬁ».ﬁﬂ:’;%

FETE AR ES N  SF R E WE R T B T

“l

RS2 E FIHY SR ERM RIE U - SRR

B TRR > Aty R I RN R T B s (Wet SEM)EL
BoPHEAARF SERKF RS TR TR TN EEK

BPMEERBES T ROKHAH AR ERETRRE @A - &
SEM JRL2e P > 933 40 15 Fl%okid & 3 fi 1 e o
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A OE I LA Al R 20 PACIR G4 8 (7 {5 iR A #
iksk e o pHIE 2 RGN & F 2 MRS uf ER -0
FTIRZ 4> Al NMRA 58 5815 %33 2. % % » 3P By i A
B2 GEP A LA A 3k NER A R LR SO

5 R /}{’b\gﬁ; ;—EK g’» 91 ”‘F"T/ﬂ \SEMﬁ’*/Pblﬂ ég]/jj‘ﬁi—ié"é“a‘ °

4-1 7 F 5 B PACI R 34 B AR 5t 2 2 58
4-1-1 pH ¥ 7 F % B PACI R 38 2ci 2 §2 48

oIRGB AR Y pHIE ¢ ¥kt o T 122 R AR R 2] s 2
SR EA RS 4] F R ) B A F' LAIF & 1—/’]‘ e
T A E IR A A r fakg AR A B K pHIE R T > 7 B R AlGR
FR L2 3+ i

[ 4-1 (a)~(c) 5 PACI-1 2 PACI-Alj3 & ¥ % #r 2.5 mg/L as Al
AR AR 20 PpHIE R T RSB SRR ET RIS kR
ARDOCKER 2 UV 52 it %% o d B 4-1(b)? ¥ &> PACIL-1 $H &
A f B e (FpHT B 5 4~5> PACI-AlR] pH4~6 2 FF > @ &
PH>7 {7 873 I3 R AL AR H R Ef 2R 2 % 7c % > Bl 4-1(0)
Pt 2. UVass 2 ",f FRILPERLDOCER 2% - R | 2iF3 -
LA YAt BREEFERET RGN B BFL SRR
Ra oo FEFHERAT A PpHIEE T i2RAERE G oo pHEAXE (231
oA AR o AT LT RARS > P A B T TR AAAL)R S 2
PACI-Al 3R 52 %] - 2 & if pHik (7 4 B 7 ®PACI-1 2 § -
s pHIE 7 2 L ins + FFihig = e % > 7 g ¥

Lsh o,

u»

v ¥
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S b s A p AN R R L RRE R
< 4 o hluetal (1999) 5 A G AL 2777 @ o 1 *’Al-NMR
A 373 F PpHIEE 27T 2 g ’}‘r); B2 4EF8 H ‘J’%a‘ﬁ 3 ApH <
4.5 pF> FAE 5 22 H Rl 4m T % A5 8 242 i sy & 4 (HS-Al complexes)
M OE LK @ ApH>5 18> B LA R4S £ 4 P DAREIR R P ED4E
K fE A $ 5A > @ HS-Al complexes?; = 8 % B > > m & ¥ 1Y 48 F] 48

o (Al(OH)3)i& b 4e > ;e epH S~7 FFd 3 Y485 A R H > gt I
TR TG L F R RTRA L

bk RS T r K fREPACLH] MR R L 0 F

PACI-1 iR & #| ehAl; 7 £ 0 L R4rs- v £ HRE4F 5 2 > &pH
Bt ¢ ERPBIRKIEF RSN A Y > A pH 5 Pt
% iEpH 7> 7 28 A EEpHE AR C AT 2 L R AT
Z WAoo P2 T A 3 PG IR ARG 0 Z2 Y o e
Bt 2 2 ) T RR MR ARRAR Y A ApH>T (50 & F 1
R BRI LRMEEY A ERRERE R
AI(OH), » F]* » #PACI-1 & 3 » @ 2 gtz (82 T 87 3
FALRASF o 227 Alis 2 B9 7 2 PACI-AL R G 3R 18 e 50 G4
o FEY 23RBS DRI R FAIS 0 s b pHiE (T %
BpFs 3 BRG] 5 P R AR s & TE % BT P foieH T
RS o A ApHSS P2 R § @87 0mV (B 4-1 (a)) -
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—e— PACI-1
—v— PACI-Al13

(@)

20

10 4

,

,

,

,

,

,

,

,

k
o

_ _
OOO
_ ¥ @

(Aw) renuajod €197

T
o
¥

T
o
o

o
©

11

10

pH

—o— PACI-1

—w»— PACI-Al13

T T T T
0o <t (90] N

(/6w) DOQA renpisey

11

10

pH
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0.5
()
0.4 +
0.3 1
€
L
<t 02 '
&
>
)
0.1 4
—— PACI-1
0.0 —w— PACI-Al,
3 4 5 6 7 8 9 10 11
pH
F%] 4-1 pH fﬁ"_ ";""j’ R /}{a";f' we /}iié (a) 2R 19 ‘EF' ‘L. ;ﬁ [ é] 117z (b)

5’5« £#DOC /& )i S (0)5%4 é?[J\]254 4 ‘ﬁ’ éérg(}%, ‘fipDOC //% }i 5+0.1
mg/L ; 4c Z & 2.5 mg/las Al)

4-1-2 4 EFEH 7 F ¥R PACHR &gt 2 2 5
d Py e v ihr s irpE2 pHif ¥R HEL B 24 3
G SRR PRGN SR EA P DL AR TR SRR L
T e gt BURGRARSR ¢ b TR GRBEAT R S B E T
VEF S F)A e AR R R R o E AT
ﬁwﬁ—;f"b‘_g Ptk R REMCEEE TR OEER ] L&
# 17 5 (Huetal, 2006) » igk F] G 40 ¢ B 540 52 FiE [ eh
R o F]p > F Y LfI* A A FAlL3Z £ 2 PACLR EH > &

T8

Pl G pHEOFRT 0 B RFE e » L3 ROk P R FIREAK
P X ArB) 4-2 (a)~(c)TT o
Bl 42 (a)~(c) s R K PRkt o 2 fds

&H
E
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R Tis R iR DOCKE R 2 3k B ¥ pHE o o B 4-2 ()% (b)
PR s A R EHIR TS A AARDOCKE B B MpEF2 4 B 2 IR 2
% = PACI-1 % 5 5mg/L as Al » PACI-Al;37] 5 4 mg/L as Al » #* pF -
RISk A m 2 B E R AR O mV > ®PACI-Alz2 B € =) &
10 mVFAgT o g2 > d Bl 4-2 (c)® # —g B 487 B Alsz £ 2 PACER
ABFVRRF BAR  FRAPE IR TREFHELTTEEpHE
TAApke o B¢ Alsz £ 8 2 PACI-ALS T H #4885 > 2 5 G-k P 3
AoKfEF B DAl AR LS  mpHT R C T < o Ap¥a 7 o
PACI-1 FIHH457 £ % > K4 2 kP (2 €3 4 SRl 2 KRR &>
WAk Y 2@ F 1S o EpHE L F AR -

d ST v @ik P faAlsF R 2 PACIR A - § PR

.+
‘3\\—

BRPAEL CRETWEFEOV I ERE 2 5 BRI RS
£ - Sharp et al. (2006)# 73 1 5 BT = A 25-10 mV~+3 mVPF 5 07 5%
Seii et IF 0 L PR A e s 4 BF ] -
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Zeta potential (mV)

Residual DOC (mg/L)

T T T T
0 6 8 10 12 14
Dosage (mg/L as Al)
6
(b)
5 -
4
3 -
2 -
1 —-@— PACI
—w— PACI-Al,

0 T T T T

0 6 8 10 12 14

Dosage (mg/L as Al)
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7.6

c© %N —— PACI1

74 N — w— PACIAl,

7.2 A
7.0 A

6.8

pH

6.6

6.4

6.2

6.0 -

5.8 4

56 T T T T T T
0 2 4 6 8 10 12 14

Dosage (mg/L as Al)

Bl 4-2 REHEH A 1 FEpaRUREGE S ()RR SRR E T = (b)
74 DOC k& 2 () % pHuie 2282 (k4> DOC k & : 5+0.1
mg/L ; 44 pH 528 7.55)

PRA o - AR KR ORI R AL Y R S e cngE RN 0 4
*EER KPR GR| FIKfRE G ARV R 0 3R pH @ig’f i
Y RARE RPN 2D AR FRERERERG 1)
FAER R T i P A~ + RGP R R E 7 BT
PORFRERSETHL AL FHEEF  HELFES S RS R
R pH B2 F R B LA cc @R 2 BRA B B EFE KL T
SRR B R m S AR R kR A T P At
oo Flet o A Y B L R R(FTIR)E 7 4 47 0 #F
WRERATFEETEZ RREREY 201 & F i O,I‘JT%&% e
B FERR R R TS pHO 2 pH8 2T » LREREE

fo pa iR i A5 "ﬁ:‘ N2 B At 4o T
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(1) pH 6

B R RS di e R ET =2 Riwis & ikaA4DOC
BB 2 ST Ao B) 4-3 (a)2 (D)7 0 d B 43 (D) kP T F R
AB¥pHE 652 T » E 3 7§ Alj32 PACI-Al;3 & 2.5 mg/L as Al
4 T W5 24 ADOCH FEoAREAe T 0 K7 EAl3Z
PACL-1 P17 # % % £ 3] 4 mg/Las Alf » 4o} # it ShDOCH "4 & o o
b B R, e E PACI-AL R G # £ 55 4 T - TARR 18 0 R T
E A EM NG RN BREEFRT] T A B 4307 FET b
i KA 2] FIARHTpHEFRET » FHEf rH 2 f T /7
- Fo MR e i A GPACI-AL ;T At B 5 A P frenf
AL KRR T AT o

,:5
w
WHL T ERTHGES AR 23R S LTI A R

0 53 PACI-Al s i 88 4p B8 e >zt » PACIL-1 A £ 3 4 5 4
o LG - RARR Bk 0 REVEEPACHL 7 F R hE 4
w33 (pHO6)E B RAFRREET » A FEF A KfEF B2 25
Z (Y 4R ’;‘gﬂ ‘J*u;'ﬁ%ﬂ&"f%}ﬁﬁﬂjﬁ = R AL K,éft o ¥ - IR
PR FEERNAEF B KA § A ApHE A3 5.0 pF 0 &
- @A+ T AIOH )3t & o (8 FiEpe s + s e i
0 2 ARV M8 AN EMT LR AR L BAEF R PR
o A inn TR S RS FRRS e B B E e
gl 4 o e g 3 AI(OH)s) % &6 % w (Hu et al., 2006; Scheel et al.,
2007) o * pF 4 A HAIOH)y o 8 + ] T30 o1 hr T i€ o
"E FPACI-1 & & 5 4 » 253 FAIOH) o) M4 A% 5 8 ¢ F4x % » gt
enfE R i R fos FiEpis 2 7 o 2 T

A REL = Y

s

-51-



M e hET EER A o

d bV A - SR X ARGKRE AR TR AR RJIF 0 E R ITpHA
BRMEEST 0 3 7 RAIGZPACIAF § 22 37 FEB RS
Al PRF T M foag 4 BRFHERKRF B REEHFL 23K Y

FAl32PACL: 28 7 £Al32PACIR * F2 13 4 B ¥ ERPT

]"}i@ Foah iR /}i E T ?‘ﬁé’ﬁl’v“%°
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Zeta potential (mV)

40 - —e— PACI-1
—w»— PACI-Al13

'60 T T T T T T
0 2 4 6 8 10 12 14
Dosage (mg/L as Al)
6
(b) —e— PACI-1
5 —w— PACI-Al13
3 4
Es)
E
O 3
o
&
S 21
S
n
&)
nd 1 4
0 -
0 2 4 6 8 10 12 14
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T =% (b))} & irA4ADOCKE & (B 4-DOCE & : 5+0.1 mg/L ;
B % pHE @ 6+0.2)
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F ETPACKRGEA % K2 #8415 KW ¥ 42 2 ST 3
(Howe et al., 1997; Wang et al., 2004) » F]t 5 <% & $7 R EH > &
FRIEETORIRA 2 YRS S R R T s T Rl T HE
ke 3HFIMMMATREF L >0 AR T 4P AREPREIREL
2# (Solid-state Al NMR) B ¥ 4 % k FE2 8§ 4 F B2 F o4
o 241 BRI pkAEy Y ¥ Loy iz P E e ¢ 20k

% e 63.0£0.5 ppmiHiT & B L B Al o 28T % ¢ I 4 12 Solid-state Al

EEE LR R B ﬁvﬁﬁﬁwﬂg&ﬁﬁ@;6,%MMmﬁm
NMR & 3 A 47 & 5 4o §) 4-4 #77F o

F4-1 kR BR EEERAETAL B 5

& A8 v & =4 (ppm)
Al(H0)5"" 0
Al(H,0)s0H* 0
AI(OH)* 79.9
Aly(OH)»(H0)5*" 33
Al complexes 45
AL(OH)4*" 4
AlO4Al1(OH)24(H20)12™ 62.5, 62.9, 63.5
Alpy 65
Alp, 70
Alps 75
AIL" * 60
AlLy 12.4
AlL;> 16.5
(ﬁveoclcl)%?g;zgt/:é Al 29.8,35.8

FIL R R F RS A S
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0.28

62.33

PACI-Al,, (2.5 ppm)

35.80 29.84
63.17
\ —— SHOWA 6ppm(pH6) vs -
I T T 1 1
200 100 0 -100 -200

Chemical shift (ppm)
Bl 4-4 PACI-Al;3% PACI-1.f 5 i 4c Z 8 T ¥ 2 f#(5+0.1 mg DOC

LR 5825 & 933 2 Solid-state  AINMR % 2
(3% pH & : 6£0.2)

d Bl 4-4 » ¥ 5 11 PACI-1 2 PACI-Al;; NMR k& 3 cndd ficd 1) 3 en

ppuu

=EPEZF o PACIL #7iF k3P > & i F:84 63.2 ppmict 5

NI R REAEALR)E o B A MBI R R AT
Bt B384 6.2 ppmicd|F - i B F 2 4% > &Lu et al. (1999)%
Howe et al. (1997)s#7 7 ¥ i@t 2 HHFEL FERSE S22/
(AIL" complex species » #* 2 L% et 2 A& f) > 2o b >
& 124 2 165 ppmac LS > RN L4 Kl 3 3 B2 = B
AL AT 5 ot L2 4484 W] 4 AIL, and AlL; complex species
MRy Y TS B NI FI LA YA AR ER T 8
P Ay TR A2 0 AR BIR GURI 2 ARk R B G A B (ALC
ratio) M FFfiz % 1 IR (Jansen et al., 2003; Nierop et al., 2002; Yamaguchi
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et al., 2004) - ",‘T’ 2 % 5 PACI-1 k2@ Bl it 5384 29.8
% 35.8 ppmpx > BN & E B O 4E (oligomer Al 0 3 9] & _five
coordinated Al) » >+ #g 4~ f ez & it 5 PACI-1 » % & 45(Als)
A2 HfEan X MEERZEEFA S PIRREFIAT Y FIE
FoAEAORMARRY 3 APy B ¢ R R EENEE ReE MK
%25 = B & 4F (Yamaguchi et al., 2004; Hiradate and Yamaguchi,
2003) ; 2 **PACI-AlR] 3 = B4 & el IR A1 5188 0 2 623
ppmy: A B & 4 B H4R(APT) 2 B & 4R(Al) s o BT PACL-ALs &
PIRBET DB AL L A 0 A HE4ET i 5 PACI-AL R SR
PRAM R 0 T TR FERT ARET R E AL

i o b by F RGP nE > B 0 ppmerd g 3P AR A B ePIR % o
Baom JL2UBE K ph o et AR H ARG 2 B AT kA G
 H

=

o F Vo bR R4 £ ) % AIL complex species © 5 ¥
RU4E-Rf2250 2 3 1Y 4R 4 o 18 4w e v i T AI(OH);) & #8 % o
6 HRAIOH)3) % o ¥ e 4L Flm 5142 K H R F 4 + (Luetal,
1999; Sposito, 1989)

& & 12 ¢ Solid-state Al NMR k6 2 A 45 2 sgirfsk &% » 7%
7 Fe 3R Al iR EERNR B T@’Eﬁﬁi-’;‘}ﬂ A2 BY 813 7
Al;32.PACI-Aljzm 3 > Wi RfR{E 2. A5 U R E48(Al) 5 20 2 2 &
B LA Rt A, L 2 E RaRAl) > = AT E A Y
WEA S A B2 e 252 Al-HAS AP -HA% & 4 15 itk (Lu
etal., 1998) iR EHs 4|1 TP fo B LA F B L L30T EAlL
2 PACI-1 > hbpder A HMEEZ 25 7 > mAlgz £ 0 o PR

ey B L AP FR KRS )= Alpihae 4 > Flpt g i @ R A

>

XA HAS &4 54 0 I FHEER L § L AERAA G I
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% » FIAI(OH)3, Al NMR¥ BE7m 3 J120 85 > Flpb @2 d k30 7
FEF AN B LAY TR HE R LT RS
F] L PACI-1 R E# “,f FpE 4 & ivr 2 ;rciﬁ&#%“,f ENE ﬂ,f S
b T R A R BT R AL AL RS R R AeE 0 3
WP RBA LSS AL T B RS T R Ed kLR T
I oo
(2) pH 8
Kipedprapig BERCHELZe FERT 22 RIS R
A AADOCKER 21 B 5% 4rB 4-5 (@)% (b)#77 o d B P A EFIR
PACI-1 ¥ e s 2 "f PLF A E > TR A EE T 12 mg/L as Al
DOC# % &+ #4975 46% 152 PACL-1 £ i i . (pH 6) ¥ 2 g2 = 2¢
i (2 E 2T B 8 iR R
P A e B FR A ke RS T E R A2 & § MR
R0 BB A 5 AOH), L F)R g 53 Bk g B A iR A o d
¥ PACI-Al 3 epH 8 PF2 TGRS 2 o g 7R p T H-RE 3 B 7+ > 8

2 &?—7 fF o F‘—:I' 5% 3 ';"é_A113';Ea /}&—i’#‘?d

mg/L as Alfs ’DOC%%“‘T’—f 4o E T 809 % 0 Ptz R R

BARIT O mV o BT ARARGRMEAER L R AL 0 F &R A

PACI-Alj;iR @& # 2 4 v 5|7 19 oo

FEpH 6 32 QPR AFESk 2% ¥ v 4 b erpHik (Fik 2 ggg
B 33

EE‘K )/év B 7% Jﬁ’s ;}"—ﬂJ L m/i‘ rs Z. 2 A113 PACI A113Jﬂ- i) Pﬁ’x,"
W LIRS P MRS ok > A BB EEIERT RS
S F R T I ARG P2 F(80%) 0 BBk IEIE T A

Bl % 3 e be #kr%’ﬁﬁ&#"i“ff’—?";}fﬁﬁii—r » M7 Al
PACI1 £33 2R P 104 B HERL » @ S ieHLiE e
POLAS R RHERL o A7 0 7 % A fRIE T 0 PACK-AL 2 e i A £ 45
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Bl 4-5 PACI-1 % PACI-Alste? 4 B8 T Q)RR 53t 5 B ik
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4-2 pH $4e- fa s Friaphiv® 2 2 5
FHELIEFT R ASSAARA > #3057 B8 RALGREH bk

B FEET oo BB 2R AT D RF wAEY Y
Jo b 2R GEATPH 6 2 8 iEEPF 0 A ARG A B R RIS ATE 2%
Lo m A ARE FEE e BB (FFTIRE 2 A 45 > 2 % A Wdo[ 4-6 #77 o
Blae BB @i omd MR AR E 1630 cm™ 2 1385 cm™ A2 it
FPEARINFET S AFE R RIAEE L& A&

1720 cm™ (COOH _+ 1C=0)2 1200 cm™ (COOH f# 4t #4 2. C-O22 C-OH)
Fuo 11% B 1630 cm™ 2 1385 e LS BB B IE 2 % > KA o
EETiEEL S B AP K > T 1720 cm™ ¥ 1200 cm 2B 350 @ 1630 cm’
Z 1385 cm':UELH 55 0 % £ COOHf23 2 COO » ¥ 47 4 ap T 4
Z(Luetal., 1997; Luetal., 1999; Luetal;1998) £ ¢ + >3 7 i ¥
BEdgdo KR 2 B Rap R gk RS EF ko 7 A FpH
R R FERAS TR AT R R o AR BE R
Tl der > ARk g A S S A ApH2.5~7 ¥ iE
W R X AT (COO ) Prinfis JhBe G 24 £ 72 § > fdk
FIEETRBEAERME > FY o AP MpEREEEF £ RS 28T
LR S 2B AF o BFATEIVRIEY > FRRpHES A 3 -
PR R MRS R Y 0 2 5 AR 2 F BT e A (Kazpard et al,
2006) o #t 38 &% 2 PACI-1 2 PACL-Al;en@ 2 ¢ 3918 5% > ApH 6
P> 1630 cm' 2 1385 om ELFE c A ARF AL e iEr
ApH 8 FF » s fh4e » F ¥ ¢ 4 4R 5 o R § 24N

B A RAS (v o s BRI R T REM R F R R F
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L R 2 RRY BT R TR 5 GpH 8 P2
DEIL R T L PR TR AT IR R 2 i o ftip e
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Hv: 20.00 kv
SEM MAG: 750 x

WD: 14.3690 mm Lo
Det: SE Detector 50 pm VEGAW TESCAN g/
View field: 151.20 pm TNU-SEM LAB

B 4-7 7 I 5 B PACLIR 515 k9 2 *h L

(a) PACI-1: 6 mg/L (pH 6)
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HY: 20.00 kV WD: 14.3760 mm | | I | | | | I

SEM MAG: 2.50 kx Det: SE Detector 20 pm VEGAW TESCAN g/
PC: 13 View field: 45.36 pm TNU-SEM LAB

Bl 4-7 # I3 & PACI R 18 B a2 tha
(b) PACI-Al3: 2.5 mg/L (pH 6)
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HV: 20.00 kV WD: 11.8450 mm | L1 L1 L1 |

SEM MAG: 2.32 kx Det: SE Detector 20 um VEGAW TESCAN g/
PC: 10 View field: 48.88 ym TNU-SEM LAB

B 4-7 7 I & PACL R & (s FHEfa Y33 2 vt
(c) PACI-Alj5: 10 mg/L (pH 8)
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4-4 PACI R 32 e d® e 2. R 524841

AN T A HREDER AT %17 B ¥ RPACI
WL GORNR GAS EREF2 R GRAB A o ] 4-8 AP PACI-1 R G HE R
PEATF T oA 4 2 BT 5 0 FIPACLT £7Al NMRA 4516 7 4ri &
e B E AP 2 AIOH); 5 3 0 Aljy#rikehz £475 » FIRLPACL] &
PAorkP (S4B T § L MFEEKER B RV G NG a
AP ¢ e 7 KaF o Fla 0 pkY @ § FHERA F i i o
AT S Al RS B R FIT R4 5 AT R Y fox e
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Joom AR ia s F T AL kY fd AP EALL s
MY AR LOFERT Y foa BE S { * gtk A
= #73) 9 R {248 &7 (Electrostatic patch effect, EPE):R 4%+ » iz EPE/R
RWFId AL R B W BE%&E S XA o PACI-1 25 %
2 HAIOH); - F]pt e ek danmae s fif 2 AOH) b > 5 d SUk 4
Fom A o

gek s d YAl NMReNBI ¥ 7 4v o R G B RMeES: b
TF o R OTALGR RS AR 0 B R S T 6 8 E Al
RN R R 2D LA 0 R IR R LT
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- 65 -



CN and complex

3+

hydrolysis _...-«--“"""'"Adsorbed onto
J transformation
oligomer Al < Alis’™ Alj;-HA

l decomposition
; “vl
? et

adsorption
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\
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"% 7 A PACL-AliR A3 7 e il il SR 41 2 -
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