
Characterization and application of 2-(4-chlorophenyl)- 8, 9-dihydro-7H-
pyrazolo [1,5-a] quinazolin-6-one in solvent extraction of uranium (VI)

INTRODUCTION

The removal of uranium from various matrices, in
addition to its continuing relevance to nuclear materials
processing[1], remains a separation of importance, not
only in industrial applications but also in energy and
environmental problems[2�6]. Up to now, many separa-
tion and pre-concentration techniques for metal ions
have been developed, such as the liquid�liquid solvent

extraction[7,8] and the solid phase extraction (SPE)[9,10].
Liquid-liquid extraction is an efficient analytical

method which is extensively utilized in the separation,
pre-concentration and selective determination of
analytes in solution[11,12] where the analyte is distributed
between two immiscible phases. In most cases, one of
these phases is an aqueous solution or a buffered solu-
tion and the second one is an organic solvent[13,14]. The
simple procedure to transfer an analyte, initially dissolved
in an aqueous solution, to an organic phase is by neu-
tralizing its charge. This can be accomplished either by
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forming a neutral complex or anionic couple[15,16]. In
addition, the extractive separation of Ni (II) from aque-
ous media by 3-phenyl-4-acetyl-5-isoxazolone[17] and
pyrazolones derivatives[18] was also studied. Together
with nickel (II), the solvent extraction of uranium (VI)
was examined with 3-methyl-4-(pnitrobenzoyl)-5-oxo-
phenylprazole dissolved in benzene[18]. The solvent ex-
traction of uranium (VI) from sulfate solutions was ob-
tained by Alamine 336 in kerosene modified with 5%
w/w 1-tridecanol and stripping with a 199 g L-1
Na

2
CO

3
 solution[19]. Also, the mixed solvent containing

DEHPA (di-2-ethylhexylphosphoric acid) and Alamine
336 was used for uranium recovery from the acidic
solution[20]. Quinazolines are indeed a big family of het-
erocyclic compounds, which have shown broad vari-
ety of biological activity profiles[21,22] e.g.analgesic, nar-
cotic, diuretic, antihypertensive, antimalarial, sedative,
hypoglycaemic, antibiotic, antitumoral and many oth-
ers. Quinazoline and its related skeletons are presented
as an important class of heterocycle scaffolds occur-
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ABSTRACT

In the present study, the use of 2-(4-chlorophenyl)- 8,9-dihydro-7H-pyrazolo
[1,5-a] quinazolin-6-one (CPDHPQ) as ligand was evaluated in the liquid-
liquid (Water carbon tetrachloride) extraction of U(VI). Experiments were
carried out to determine the factors affecting uranium extraction; These
controlling factors include pH, initial uranium concentration, contact time,
organic concentrations and O/A Ratio for maximum extraction for uranium
metal ion by ligand, as well as extraction kinetics. The results revealed that
the extraction of metal ions is dependent on the pH; maximum extraction
was obtained in the pH at 2.5; the ligand CPDHPQ was effective for the
extraction of U (VI).  2014 Trade Science Inc. - INDIA
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ring in a large number of bioactive molecules for a vari-
ety of biological targets[23]

.
 Two different series of N-

donor pyrazole ligands were used in liquid-liquid ex-
traction of Cu (II) ions from aqueous solution using
methylene chloride as diluents[24]. Pyrazole derivatives
were currently the subjects of several studies in extrac-
tion of copper (II) ions[25-29].

In the present work, the synthesis of 2-(4-
chlorophenyl)-8,9-dihydro-7H-pyrazolo [1,5-a]
quinazolin-6-one was described. This ligand exhibits
high complexion efficiency toward U (VI), this result
from 2-(4-chlorophenyl)-8,9-dihydro-7Hpyrazolo[1,5-
a]quinazolin�6�one, which considered as multi-dentate

agent with many donor atoms[30]. The characterization
of this ligand was carried out by elemental analysis, FT
IR, NMR, Ms and 13C. Also this aims to evaluate the
potential use of 2-(4-chlorophenyl)-8,9-dihydro-
7Hpyrazolo[1,5-a]quinazolin-6-one as ligand in the liq-
uid liquid extraction of U (VI), as well as to determine
the optimum extraction conditions (pH, O/A ratio, ini-
tial Uranium concentration, organic concentrations and
contact time), kinetics of the extraction experiments and
case study.

EXPERIMENTAL

Reagent and solutions

Several reagents were used in this study. These are
mainly; 1,3- cyclohexanedione and piperidine purchased
from Across Organics Co.(Belgium).5-amino-1H-
pyrazole and dimethyl formamide- dimethylacetal
(DMF-DMA) obtained from Merck Co., Germany.
Dimethyl formamide and piperidine purchased from
Aldrich Chemical Co. Ethanol and carbon tetrachlo-
ride were BDH reagents. The uranium standard stock
solution (1000 ppm) was prepared from uranium ac-
etate by dissolving the appropriate amounts of solid salt

in de-ionized water.

Instrument

All melting points were measured on a Gallenkamp
melting point apparatus and are uncorrected. The in-
frared spectra were recorded in potassium bromide
disks on a pye Unicam SP 3300 and Shimadzu FT IR
8101 PC infrared spectrophotometers.The NMR spec-
tra were recorded on a Varian Mercury VXR-300
NMR spectrometer. 1H spectra were run at 300 MHz
while 13C spectra were run at 75.46 MHz in deuter-
ated chloroform (CDCL

3
) or dimethyl sulphoxide

(DMSO-d
6
). Chemical shifts were related to that of

the solvent. Mass spectra were recorded on a Shimadzu
GCMS-QP 1000 EX mass spectrometer at 70 e.V.
Elemental analyses were carried out at the Microana-
lytical Center of Cairo University.

Synthesis of the extractant

To a mixture of 2-((dimethylamino) methylene) cy-
clohexane-1,3-dione (10mmol) (DMAMC) (1) was
treated with substituted 5-amino-1H-pyrazole
(10mmol) (AP) (2), in refluxing ethanol for 30 min, in
the presence of catalytic amount of piperidine. The solid
product was filtered off, washed with ethanol and re-
crystallized from proper solvent to afford the corre-
sponding 2-(4-Chlorophenyl)-8,9-Dihydro-7H-
pyrazolo[1,5-a]quinazolin-6-one[31] (4) in 90% yield,
(Scheme 1). The structure of compound (CPDHPQ)
established on the basis of their elemental analyses and
spectral data.

The formation of the product (CPDHPQ) is as-
sumed to take place via an initial Michael addition of
the exocyclic amino group in the aminopyrazole (AP)
to the á,â-unsaturated moiety in the enamindione (1)
(DMAMC), to yield the corresponding acyclic non-
isolable intermediate (3) which undergo cyclization and
aromatization into the final product (4) (CPDHPQ).

Scheme 1
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Extraction experiments

The extraction test was performed using 2-(4-
Chlorophenyl)-8,9-dihydro-7H-pyrazolo [1,5a]
quinazolin-6-one as extracting agent. This substance
was first dissolved in carbon tetrachloride with solid to
liquid ratio of about 0.1g/100 ml this solution will be
marked as CPDHPQ, and then it was tested for ura-
nium extraction from aqueous solution. The optimum
extraction conditions including contact time, uranium
concentrations, pH, organic concentrations and aque-
ous to organic ratio were experimentally investigated.
About 10 ml from CPDHPQ was added to round bot-
tom glass bottles of 50 ml capacity with 5 ml of uranium
solution of desire concentration (50-1000 mg/L) and
(1-5) pH range. The flasks were capped and placed

on a mechanical shaker at room temperature and the
samples were taken at predetermined intervals (5-60
min), with shaking the organic phase was separated from
the aqueous phase. The amount of extracted uranium
was determined by complexing U (VI) with Arsenaso
III[32], where it ion measured in the organic phase by
the difference between the uranium concentration in the
aqueous phase before and after extraction.

Leach liquor sample

The studied leach liquor (Case study) prepared from
the processing of the geologic ore sample collected from
G. El Sella area, Eastern Desert. Egypt. The chemical
specification of the studied leach liquor reveals its signifi-
cantly enriched in U, SO

4,
 Fe

2
O

3
 and Al (TABLE 1).

TABLE 1 : Leach liquor chemical composition

Constituents U Fe2O3 SO2- Th4+ Cu Al3+ Na+ P2O5 Ni2+ 

g/L 0.28 1.82 4.1 0.006 0.013 2.9 0.98 0.345 0.82 

RESULTS AND DISCUSSION

Analysis and characterization of CPDHPQ

The analytical specification of the extractant revealed
TABLE 2 : Chemical structure and characterization of synthesized CPDHPQ

Product CPDHPQ 

Formula C16H12ClN3O 

Elemental 
analysis 

            C                  H             Cl            N 
Calcd      64.54             4.06          11.9          14.11 
Found     64.51             4.09           11.9         14.07 

1H NMR 
(DMSO-d6) 

ä 2.27 (m, 2H, CH2), 2.66 (t, 2H, CH2), 3.45 (t, 2H, CH2), 7.37 (s, 1H, CH), 7.54-8.09 (m, 4H, Ar H), 
8.79 (s, 1H, CH). 

MS (m/z): 297 (M+), 275, 51. 
IR (KBr) õmax 
/cm�1 

1694 (C=O), 1655(C=N),  1605 (C=N). 

NMR  13C 
134.3 (C-Cl), 129.3 (2CH), 128.9 (2CH), 135.1 (C),155.6 (C=N), 92.5 (CH), 149.4 (C), 172.4 (C), 

25.3 (CH2), 21.2 (C), 38.4 (CH2), 196.8 (C=O), 119.5 (C), 156.5(CH). 

* Analyzed in Cairo university (Micro analysis lab.).

that, it was synthesized efficiently and rapidly in good
yield (90%), with melting point 231-232oC (ethanol).
The structure of the complexing agent was identified
and characterized by IR, NMR, Ms, NMR13C,
(TABLE 2).

Extraction of uranium by CPDHPQ

The extraction experimental results are expressed
in terms of pH, contact time, extraction yield (Y) as
follow:

Where m
i
 is the initial mass of uranium in aqueous phase;

mf is the mass of uranium after extraction.

Effect of pH on uranium extraction

The effect of solution pH was investigated in the
pH range of 1-5, where about 10 ml from CPDHPQ
was contacted with 5 ml from uranium aqueous solu-
tion (200 ppm concentration) at room temperature for
about 25 minutes, then the aqueous solution separated
from the organic one and uranium concentration was
measured (Figure 1).
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From the obtained results (Figure1), it is clear that
the solution pH has an important role in the extraction
yield, where it increases in the pH range between 1-3
attaining a maximum value at pH 2.5. Then the extrac-
tion efficiency decreased with further increase in pH.
This is may be due to that the hydrolysis of uranyl ions
take place as the pH varies from 1 to 3.0 ±0.1 (avail-

ability of free uranium ions). When pH increases over
to 3.0 ±0.1, uranium exist in hydrolyzed form and the

following ionic species UO
2
 2+[(UO

2
)

2
(OH)

 2
]2+ dimer,

[(UO
2
)

3
(OH)

25
] + trimer. The complexes formed in aque-

ous solution lead to the precipitation stage[33].

Effect of initial uranium concentration

The dependence of the extraction capacity of
CPDHPQ on the initial concentration of uranium ions
[m

i
] at room temperature was represented in (Figure

2). The obtained results reveal that extraction yield in-
creased steadily with metal ion concentration till ura-
nium concentration of 200 mg/l. This is related to the
increase in the concentration gradient, which acts as a
driving force for the adsorption process, and then the
increase in extraction yield becomes less significant at
[m

i
] >200 mg/L.

Effect of O/A ratio

The effect of O/A ratio was investigated within the
range from 1:1 to 5:1, the solution pH adjusted at pH
2.5 for about 25 min at room temperature and uranium
concentration equal 200 ppm. The separation of aque-
ous solution from the organic phase and the determina-
tion of uranium concentration are illustrated in (Figure
3). From the obtained data, it is quite clear that the O/
A ratio has a positive effect on uranium extraction where
the maximum CPDHPQ extraction efficiency obtained

at O/A ratio 2:1 then the efficiency decrease with the
increase in the ratio, so 2:1 is set to be the optimum O/
A.

Figure 1 : Effect of pH on uranium extraction efficiency

Figure 2 : Effect of initial uranium concentration on the ex-
traction efficiency of CPDHPQ

Figure 3 : Effect of O/A ratio on uranium extraction by
CPDHPQ

Effect of the extractant�s concentration

To study this factor, the concentration of the syn-
thesized extractant CPDHPQ in carbon tetrachloride
was varied from 0.005% up to 0.2% whereas the other
extraction conditions were fixed as an O/A ratio of 2/1,
shaking time 25 min, at PH 2.5 and with working ura-
nium concentration equal 200 ppm. From the obtained
results shown in (Figure 4), it is clear that as the synthe-
sized extractant CPDHPQ concentration increased, the
extraction efficiency of the uranium gradually increased
until reached 90% uranium at 0.05% concentration and
above which no further extraction occurred.

In the meantime, it would be possible to determine
the molar ratio of the used extractant CPDHPQ with
the extracted uranium through plotting the log values of
the distribution coefficient and the extractant CPDHPQ
concentration. Using the obtained data, it was thus pos-
sible to obtain a straight line as shown in (Figure 5) and
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its slope attained 1.07. It can thus be inferred that the
attained CPDHPQ/uranium molar ratio would be 2/1.
The involved reaction can thus be visualized as follows:
2 CPDHPQ +1 U metal  Complex

uranium aqueous solution (200 ppm concentration) at
room temperature. The aqueous solution was then sepa-
rated from the organic phase in which the uranium con-
centration was determined and the data were shown in
(Figure 6). From the data plotted in (Figure 6), it is
clear that the extraction efficiency of the metal ions us-
ing 2-(4-Chlorophenyl)-8,9-dihydro-7H-pyrazolo
[1,5a] quinazolin-6-one ligand showed that the extrac-
tion efficiency of U(VI) increased till it reached equilib-
rium after approximately 25 minutes and then remained
constant (E= 92%).

Determination of rate constants for the extraction
of metal ions

The rate constants for the extraction of metal ions
were determined using equation:
ln [M2+ ]

t 
= k t ln [M2+]

0

where [M2+]
0
 and [M2+]

t
 represent the initial concen-

tration and the concentration at time t of the metal ion in
aqueous solution, respectively. K is the extraction rate
constant.

For pseudo-first-order reactions, the plot of ln
[M2+]

t
 vs time, results in a straight line with the slope

corresponding to-k[33]. The extraction rate constants
for the metal ions were calculated from the slope of the
linear plots (Figure 7), the value obtained was 0.0399.

Figure 4 : Effect of the extractant�s concentration (CPDHPQ)

Figure 5 : Distribution coefficient of uranium (D) as a func-
tion of organic concentration in carbon tetrachloride for the
used leach liquor

Extraction kinetics of metal ions

The effect of contact time was determined in the
range of 5-60 minutes. In these experiments about 10ml
from 2-(4-Chlorophenyl)-8,9-dihydro-7H-pyrazolo
[1,5a] quinazolin- 6-one ligand contacted with 5 ml from

Figure 6 : Effect of contact time on uranium extraction effi-
ciency by CPDHPQ

Figure 7 : Pseudo-first-order kinetic model for the extrac-
tion of metal ions

Case study

A case study was performed to evaluate the abil-
ity of 2-(4-Chlorophenyl)- 8, 9-dihydro-7H-pyrazolo
[1,5-a] quinazolin-6-one as solvent extraction of ura-
nium (VI). The used sample was performed from
Inshas Pilot Plant Unit. The uranium concentration in
the sample was 0.28 g/L as mentioned in (TABLE 1).
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The application of the organic compound was per-
formed under the following conditions; pH 2.5 and at
room temperature with O/A ratio of 2/1 and uranium
concentration < 200 ppm (the used sample solution
was diluted with distilled water and the uranium con-
centration was about 140 ppm). About 50 ml from
the used sample contacted with 25ml from the organic
solution for about 25 min, then the aqueous phase was
separated and the uranium concentration was 35 ppm
(aqueous phase). Then the fresh leach liquor solution
contacted again with the organic phase and the ura-
nium was determined in the aqueous phase after sepa-
ration, this process was repeated three times. The ura-
nium concentration (aqueous phase) was 60, 82 and
98 ppm respectively. The obtained result reveals that
2-(4-Chlorophenyl)-8, 9-dihydro-7H-pyrazolo [1,5-
a] quinazolin-6-one has a potential ability to uranium
extraction.

Mechanism of uranium metal extraction

The organic phase was subjected to IR analysis
and the result is presented in (TABLE 3). From the IR
analysis, the mechanism of uranium extraction by 2-(4-
Chlorophenyl)-8,9-dihydro-7H-pyrazolo[1,5-a]
quinazolin-6-one will be discussed in the following sec-
tion. This analysis included the prepared 2- (4-
Chlorophenyl)- 8,9- dihydro-7H- pyrazolo [1,5-a]
quinazolin�6-one extractan in CCL

4
 before U extrac-

tion freshly prepared (free-state) as well as after their
extraction (loaded-extractants) as shown in (TABLE
3). From the obtained results, it has been realized that
some characteristic peaks representing the major groups
of the studied extractant as the aliphatic C-H, C=O
and C=N groups have sharp intensity that turned to
medium intensity after the extraction experiments. This

indicates that the studied extractant are able to form
complexes with uranium ion in the leach liquor. Accord-
ingly, the sharp C=N peak at 1655.0 cm-1 and the C=O
peak at 1694.0 cm-1 present in the extractant ligand
spectra decreased before extraction but increased af-
ter extraction (TABLE 3). Accordingly, the C=N peak
at 1659.02 cm-1 and the C=O peak at 1735.54 cm-1; a
matter which is most probably due to the formation of
the metal complexe. It is thus possible to mention that
the synthesized extractant; namely 2-(4-Chlorophenyl)-
8,9-dihydro�7H-pyrazolo[1,5-a]quinazolin�6�one

can be considered as multi-dentate agent with many
donor atoms. The latter exhibits a good affinity toward
uranium ions in the leach liquor. It can thus be cited that
the U metal ion has most probably been complexed to
the extractant through binding to the nitrogen and oxy-
gen atoms in acidic media of the extraction step. It is
clearly evident that the formed complex between the
uranium metal and the ligand would take place by the
reaction of oxygen and nitrogen atoms[34,35] in a manner
to form the six membered ring which is more stable and
more planar and not be steric with oxygen so produc-
ing more yield in 2- (4-Chlorophenyl)-8,9-dihydro�
7H-pyrazolo [1,5-a] quinazolin-6-one complex. The
mechanism can be represented as follows:

Ligand: 2-(4-Chlorophenyl)-8,9-dihydro-7H-pyrazolo[1,5-a]quinazolin�6-one; M: Uranium metal.

Scheme 2

TABLE 3 : Infrared spectra of the fresh and loaded synthe-
sized CPDHPQ extractant

CPDHPQ Major 
groups Extractant 

cm-1 (vs) 
After extraction 

cm-1 (m) 
Aliphatic   

C � H 
C = O 
C = N 
C = N 

2962.5 
1694.0 
1655.0 
1605.0 

2922.38 
1735.54 
1659.02 
1608.49 

vs: very strong; m: moderate
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CONCLUSION

As expected, the extraction of uranium from the
studied sample using the extractant ligand CPDHPQ
was mainly controlled by several optimized conditions.
The amount of the extracted uranium ions reached a
maximum value at pH 2.5 and O/A of 2.1. The sug-
gested extraction mechanism was performed through
the coordination of U metal ion to the ligand via nitro-
gen and oxygen atoms within the acidic media of the
extraction step. Also, It is clear that the formed com-
plex between the uranium metal and the ligand would
take place by the reaction of oxygen and nitrogen at-
oms form the six membered ring which is more stable
and more planar and not be steric with oxygen so pro-
ducing more yield in pyrazolo quinazolin - 6 - one.

REFERENCES

[1] G.J.Lumetta, K.L.Nash, S.B.Clark, J.I.Friese (Eds);
Separations for the Nuclear Fuel Cycle in the 21st
Century, American Chemical Society, Washington,
DC, 21-40 (2006).

[2] S.K.Sahu, V.Chakravortty, M.L.P.Reddy,
T.R.Ramamohan; The synergistic extraction of tho-
rium (IV) and uranium (VI) with mixtures of 3-
phenyl-4- benzoyl-5-isoxazolone and crown ethers,
Talanta, 51, 523�530 (2000).

[3] M.H.Lee, C.W.Lee; Radiochemical analysis of ura-
nium isotopes in soil and sediment samples with ex-
traction chromatography, Talanta, 54, 181�186

(2001).
[4] M.L.Dietz, E.P.Horwitz, L.R.Sajdak, R.Chiarizia;

An improved extraction chromatographic resin for
the separation of uranium from acidic nitrate me-
dia, Talanta, 54, 1173�1184 (2001).

[5] A.M.Starvin, T.P.Rao; Solid phase extractive
preconcentration of uranium (VI) onto
diarylazobisphenol modiûed activated carbon,

Talanta, 63, 225�232 (2001).
[6] M.A.Maheswari, M.S.Subramanian; Selective en-

richment of U(VI), Th(IV) and La(III) from high
acidic streams using a new chelating ion-exchange
polymeric matrix, Talanta, 64, 202�209 (2004).

[7] C.Cuillerdier, C.Musikas, L.Nigond; Diamides as
actinide extractants for various waste treatments,
Sep.Sci.Technol., 28, 155�175 (1993).

[8] D.S.Purroy, P.Baron, B.Christiansen, J.P.Glatz,

C.Madic, R.Malmbeck, G.Mod-olo; First demonstra-
tion of a centrifugal solvent extraction process for
minor actinides from a concentrated spent fuel so-
lution, Sep.Purif.Technol., 45, 157�162 (2005).

[9] S.Seyhan, M.Merdivan, N.Demirel; Use of o-phe-
nylene dioxydiacetic acid impregnated in Amberlite
XAD resin for separation and preconcentration of
uranium (VI) and thorium (IV), J.Hazard.Mater.,
152, 79�87 (2008).

[10] Q.He, X.Chang, Q.Wu, X.Huang, Z.Hu, Y.Zhai;
Synthesis and applications of surface-grafted
Th(IV)-imprinted polymers for selective solid-phase
extraction of thorium (IV), Anal.Chim.Acta, 605,
192�197 (2007).

[11] M.G.A.Korn, J.B.Andrade, D.S.Jesus, V.A.Lemos,
M.L.S.F.Bandeira, W.N.L.Santos, M.A.Bezerra,
F.A.C.Amorim, A.S.Souza, S.L.C.Ferreira; Talanta,
69, 16 (2006).

[12] C.Duran, A.Gundogdu, V.N.Bulut, M.Soylak, L.Elci,
H.B.Sentürk, M.Tüfekci; J.Hazard.Mater., 146, 347
(2007).

[13] V.Kubán; Crit.Rev.Anal.Chem., 22, 477 (1991).
[14] C.J.Koester, R.E.Clement; Crit.Rev.Anal.Chem.,

24, 263 (1993).
[15] J.Mendham, R.C.Denney, J.D.Barnes, M.Thomas;

Vogel: Análise Química Quantitativa (LTC Editora

S.A., Rio de Janeiro) 6/e, (2002).
[16] A.I.Vogel; A Text Book of Quantitative Inorganic

Analysis Including Elementary Instrumental Analy-
sis, (The ELBS and Longman Green & Co.London)
3/e, (1962).

[17] A.Jyothi, G.N.Rao; Studies in the extraction of met-
als with 3-phenyl-4-acetyl-5-isoxazolone.
Bull.Chem.Soc.Jpn., 61, 4497 (1988).

[18] M.O.C.Ogwuegbu, E.Orji; Liquid-liquid extraction
separation of uranium (VI) and nickel (II) by a sub-
stituted oxo-pyrazole. Minerals Engineering, 10(11),
1269 (1997).

[19] S.Collet, A.Chagnes, B.Courtaud, J.Thiry, G.Cote;
Solvent extraction of uranium from acidic sulfate
media by Alamine® 336: Computer simulation and
optimization of the flow-sheets. Journal of Chemi-
cal Technology and Biotechnology, 84(9), 1331�
1337 (2009).

[20] J.E.Quinn, D.Wilkins, K.H.Soldenhoff; Solvent ex-
traction of uranium from saline leach liquors using
DEHPA/Alamine 336 mixed reagent. Hydrometal-
lurgy, 134�135, 74�79 (2013).

[21] S.Jhone; Progress in Drug Research, Search for
Pharmaceutically interesting Quinazoline Deriva-



G.M.Hussein and A.M.A.Morsy 147

Full  Paper

chemical technology

CTAIJ, 9(4) 2014

An Indian Journal
chemical technology

tives, Efforts and Results (1969-1980), E.Jucker,
(Ed); Birkauser Verlag, Basel, 26, 259 (1982).

[22] D.J.Brown; The Chemistry of Heterocyclic Com-
pounds, J.Wiley & Sons, New York, (1996).

[23] (a) D.J.Brown; Quinazolines, Suppl.I, John Wiley
& Sons, New York, (1996); (b) K.Undheim,
T.Benneche; Comprehensive Heterocyclic Chem-
istry II, A Review of Literature of (1982�1995),

A.J.Boulton, (Ed); A.R.Katritzky, C.W.Rees,
E.F.V.Scriven, Eds-in-Chief, Pyrimidines and their
benzo derivatives, Elsevier Science, New York, 96
(1996); (c) M.A.E.Shaban, M.A.M.Taha,
E.M.Sharshira; Advances in Heterocyclic Chemis-
try, A.R.Katritzky, (Ed); Synthesis and biological ac-
tivities of condensed heterocyclo [n, m-a, b, c]
quinazolines, Academic Press, New York, 52, 5
(1991); (d) W.L.F.Armarego; Advances in Het-
erocyclic Chemistry, A.R.Katritzky, (Ed);
Quinazolines, Academic Press, New York, 1, 253
(1963).

[24] I.Bouabdallah, I.Zidane, B.Hacht, R.Touzani,
A.Ramdani; Liquid-liquid extraction of copper (II),
cadmium (II) and lead (II) using tripodal N-donor
pyrazoleligands, ARKIVOC, 11, 59 (2006).

[25] M.C.Roqai, G.J.G.Grandmont, J.P.Brunette; Extrac-
tion of indium(III) from chloride and nitrate media
with 3-phenyl-4-benzoylisoxazol-5-one, HPBI, and
trinoctylphosphine oxide, Analusis, 26, 74 (1998).

[26] T.Kitano, Y.Sohrin, Y.Hata, H.Mukai, H.Wada,
K.Ueda; Highly selective extraction of Cu(II) and
Zn(II), 2(6), 30-37, June (2012).

[27] C.Lopez, P.Ponce, A.Molinari, A.Oliva; Further
studies on the solvent extraction of copper (II) with
dithiocarboxylate derivatives of pyrazol,
Bol.Soc.Chil.Quim., 46, 1 (2001).

[28] A.Oliva, A.Molinari, F.Zúñiga, P.Ponce; Studies on

the Liquid�Liquid Extraction of Nickel(II), Zinc(II),

Cadmium(II), Mercury(II) and Lead(II) with 1-
Phenyl-3-hydroxy-4-decyldithiocarboxylate-5-
pyrazolone, Microchimica Acta, 140, 201 (2002).

[29] R.Touzani, A.Ramdani, T.Ben-Hadda, S.El Kadiri,
O.Maury, H.Le Bozec, P.H.Dixneuf; Efficient syn-
thesis of new nitrogen donor containing tripods un-
der microwave irradiation and without solvent,
Synth.Commun., 31(9), 1315 (2001).

[30] R.Portanova, L.H.J.Lajunen, M.Tolazzi,
J.Piispanen; Critical evaluation of stability constants
for alpha-hydroxycarboxylic acid complexes with
protons and metal ions and the accompanying en-
thalpy changes. Part II. Aliphatic 2-
hydroxycarboxylic acids (IUPAC Technical Re-
port). Pure Appl.Chem., 75(4), 495�540 (2003).

[31] A.F.Hegarty, M.P.Cashaman, F.L.Scoti;
Chem.Commun., 13, 884 (1971).

[32] Z.Marczenko; Spectrophotmetric determination of
elements. Ellis horwoodltd. Chichester, 305-321
(1976).

[33] A.Kadous, M.A.Didi, D.Villemin; Extraction of ura-
nium (VI) using D2EHPA/TOPO based supported
liquid membrane. J.Radioanal.Nucl.Chem., 280,
157-165 (2009).

[34] K.J.Powell, P.L.Brown, R.H.Byrne, T.Gajda,
G.Hefter, A.K.Leuz, S.Sjöberg, H.Wanner; Chemi-

cal speciation of environmentally significant metals
with inorganic ligands. Part 4: The Cd2+ + OH�, Cl�,
CO

3
2�, SO

4
2� and PO

4
3�systems. Pure.Appl.Chem.,

83(5), 1163�1214 (2011).
[35] P.Paoletti; Formation of metal complexes with eth-

ylenediamine: A critical survey of equilibrium con-
stants, enthalpy and entropy values. Pure.Appl.
Chem., 56(4), 491�522 (1984).


