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To Editor of the Journal of the Serbian Chemical Society,

18th of February 2016.

Dear Editor,

Thank You for the review of our manuscript, ID 1976, Environmental Chemistry section:

“Ultrasound and shacking-assisted water-leaching of anions and cations from fly ash”
MARJETKA SAVIĆ BISERČIĆ1, LATO PEZO2, IVANA SREDOVIĆ IGNJATOVIĆ3, LJUBIŠA IGNJATOVIĆ4*, ANDRIJA SAVIĆ1, UROŠ JOVANOVIĆ1 and VELIBOR ANDRIĆ1
1 University of Belgrade - Vinča Institute of Nuclear Sciences, Chemical Dynamics Laboratory, P.O. Box 522, 11001 Belgrade, Serbia, 2 University of Belgrade, Institute of General and Physical Chemistry, Studentski Trg 12-16, 11000  Belgrade, Serbia, 3 University of Belgrade, Faculty of Agriculture, Nemanjina 6, 11080 Belgrade, Serbia, 4 University of Belgrade, Faculty of Physical Chemistry, Studentski Trg 12-16, 11000  Belgrade, Serbia

Meanwhile the manuscript was revised and the suggestions and comments were considered, accepted and presented in the revised manuscript.

The comments of Reviewer B:

General comments:

1.    It is advisable for authors to avoid adverbs that have no scientific meaning. For example: “bringing about” , line #37 (introduction), “microscopic particles”, line #40 (introduction), “considerably”, line #62, “high analytical purity grade”, line #112, “as can be seen”, line #225. 

Our action: we accept the Reviewer’s comment. The following changes are made:

· instead of “bringing about” , line #37, now is: leading to

· instead of “microscopic particles”, line #40, now is: microparticles

· “considerably”, line #62, is deleted
· instead of “high analytical purity grade”, line #112, now is: analytical grade

· “as can be seen”, line #225, is deleted
2.    .... (deleted by Editor)
3.    Expression: “pH” absolutely has to have additional word "value"; the correct way to write this expression is: pH value, always!
Our action: accepted and corrected.
4.    Advise for the authors: when the list of numbers and units are written, it is not necessary to repeat the same unit several times, just at the last number in a raw (lines # 217 and 218). check the instructions for authors, formulas are written in italic mode, but are the chemical formulas also written in italic mode, please check?
Our action: accepted and corrected. The chemical formula should not be in italic mode.

Specific comments:
Lines:
#8 – delete one comma (,) after Serbia,
Our action: corrected
# 51 – missing reference,
Our action: references 1-3 and 7 are related
# 68 – separate “ashand”, writing mistake,
Our action: corrected
#79 – Add word measurement and solution when writing: pH value and conductivity measurement of suspension solution...
Our action: accepted and corrected
#74, 75- forgotten arsenic (As) or not? Please add or explain!
Our action: forgotten in the first version, added in the corrected manuscript
#90-“thermal” instead of “termo”
Our action: corrected
#95-sives have mesh, not “openings”
Our action: the new sentence is: “Finally, they were sieved through a sieve with 0.212 mm openings which corresponds to US standard mesh 70 and Tyler standard mesh 65.”
#95-KF abbreviation needs explanation, please write the Karl-Fisher and then if repeated write KF
Our action: accepted and corrected
#97-pEDXRF-what does p stand for? Please explain!
Our action: p – means polarized. Not necessary, deleted
#113, 115-the degree Celzius needs to be written as a symbol “ ° ” separated by one space from the number!

Our action: accepted and corrected
#405 – number of the Project
Our action: Project numbers are added
In the line #59, when mentioning reagent methods, the suggestion is to write reagent methods, but before write the group to which they belong: “chemical methods”; in the same sentence (line #61), bacterial methods, belong to the group of microbiological, and sorption methods, belong to the group of physical methods.

Our action: This comment is not related to our manuscript

The comments of Reviewer C:

ADDITIONAL COMMENTS

REPORT: 
    In the present work authors applied two extraction techniques (ultrasound-assisted and shacking-assisted extraction) using water as an extractant, in order to determine the amount of anions and cations leach from fly ash. All experiments are done correctly, but the scientific impact is not clear enough. This Manuscript has to be revised and re-written by authors in order to be clearer and comprehensible.

Our comment: 
Trace elements extracted by water are relatively labile and thus may be potentially bioavailable. This phase contains the water-soluble species made up of free ions and ions complexed with soluble organic matter and other constituents. It constitutes the most mobile and potentially the most available metal and metalloid species. (J. Environ. Monit. 4 (2002) 823)
1. Agitation time used in UAE was 60 min, while in SAE extraction lasted 24 h. How is this comparable? How did authors choose this period of time for SAE? Taking into account the results obtained for fluoride, nitrate, chloride, Al and Mn (all amounts decrease with the time of the extraction) in the SAE experiment the first probe has to be taken in shorter period of agitation time (less then six hours).
Our action: The explanation is added “The extraction times, for both procedures, were chosen according to earlier investigations of solid samples extraction.” (Anal. Chim. Acta 602 (2007) 195, Ultrason. Sonochem. 16 (2009) 763, J. Serb. Chem. Soc. 76 (2011) 769)

2. Abstract, page 1, lines 21-23: The ultrasonic sonication yielded slightly higher amounts of extracted anions and Cr, As, Zn and Ni, while shaking-assisted extraction was more efficient for the Pb, Al, Mn and Fe ions. This is not correct; it does not correspond to the obtained results.
Our action: the typewriting omission was made. The correct text is: “The ultrasonic sonication yielded slightly higher amounts of extracted anions and Pb, Al, Mn and Fe, while shaking-assisted extraction was more efficient for the Cr, As, Zn and Ni ions.“

3. Page 3, line 68: ashand, change to ash and.
Our action: corrected
4. Page 3, line 70: include the reference for standard ASTM procedure.
Our action: accepted and corrected, the appropriate reference is added

5. Page 6, line 170-173: Every subsample pastille was then analyzed by EDXRF spectrometry at three different measuring spots in each pastille. Almost perfect overlapping of the acquired spectra confirmed the homogeneity of the composite sample. Those spectra have to be included in the Manuscript.
Our action: the spectrum is included in the corrected manuscript as Figure 1.

6. Page 6, line 174-175: Symbols in Fig 1. have to be larger.
Our action: the Figure is prepared according to Instruction for Authors.

7. Table 1. lines: 187-188: amount of sulfate obtained using UAE in 45 min is 6778±58???
Our action: the typewriting omission was made. The right value is 678±58
8. Page 7, line 196: according to Tukey's HSD test. Please include appropriate reference.
Our action: accepted and corrected, the appropriate reference is added

9. Page 8, lines 209-210: For six-hour agitation, the extracted average of
sulfate is around 30 mg/100g. This is not correct for the first six hours of agitation.
Our action: The explanation is added in the manuscript: “For six-hour agitation, the extracted average of sulfate is around 30 mg/100g, as well as for the next twelve-hour agitation.”

10. Page 9, lines 229-231: It can be noticed that the concentrations of As,
Ni, Zn and Cr increase with time, but the amounts of these four cations
obtained by ultrasonic waves are 75-85 % smaller than those extracted using
mechanical shaking. This is not correct; it does not correspond to the results shown in Table 1. The values obtained by SAE are higher but for about 20-25% that the
corresponding values obtained by UAE. 

Our action: accepted and corrected, new text is: “It can be noticed that the concentrations of As, Ni, Zn and Cr increase with time, but the amounts of these four cations obtained by SAE are 20-25 % higher than the corresponding values obtained by UAE. The concentration increase for all these elements was gradual, except for Zn extracted by UAE in which case it was very low after 45 min, but followed by a sudden jump of about 70 % after 60 min.”

11. Page 10, 259-261: On the other hand, the most positively influential
variables for the second factor component calculation were: As (12.0%) and
Ni content (26.0%), while the negative influence was observed by Pb (9.4%)
and nitrate (18.8%). This observation is not clear for the nitrate.
Our action: accepted and corrected. This sentence is rewritten according to Reviewer’s comment and Fig. 3a: “On the other hand, the most positively influential variables for the second factor component calculation were: As (12.0%), Ni content (26.0%) and nitrate (18.8%), while the negative influence was observed by Pb (9.4%).”
12. Page 15, line 394: Pn? Change with Pb.
Our action: corrected.
13. Pge 15, lines 398-399: Leached heavy metals from fly ash may become a
hazard to the environment because of their contribution to the formation of
toxic compounds. Move this sentence to the Introduction part, it is not conclusion.
Our action: accepted and corrected.

14. Page 15, lines 396-397: It could be concluded that one technique cannot
be replaced by another, due to their selectivity for the different ions. Results obtained by these two techniques are not significantly different and mentioned selectivity can not be observed.
Our action: accepted and corrected. New sentence is written: “It could be concluded that there is no significant differences in the extracted quantities for the most of analysed ions between SAE and UAE, but the 15 min use of UAE is efficient as six-hour SAE.”
15. Page 15, lines 381-382: The conclusions that can be drawn from the
obtained results are that the techniques employed in this study for the
mechanical preparation of fly ash samples.  Please be more precise: mechanical preparation of fly ash samples may refer to grinding and sieving of fly ash as it is specified in Sampling and sample preparation part.
Our action: accepted and corrected: “From the obtained results it can be concluded that the techniques employed for the mechanical assisted extraction (as a preparation step) of fly ash samples are significant for estimating the concentration of trace elements and pollutants that can be possibly released into the environment.”
16. Page 18, lines 474-476: year of publication is missing.
Our action: corrected. D.C. Montgomery, Design and Analysis of Experiments, 2nd ed., John Wiley and Sons Inc., New York, 1984, p. 109 -116
Yours sincerely,

Ljubiša Ignjatović, corresponding author
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