Dear Editor,

On behalf of all authors, I would like to thank reviewers for useful comments and suggestions. We did our best to improve manuscript in order to upgradeits scientific significance on the reviewer’s suggestions. Corrections in manuscript are written inred. 

A new author was added to the list of authors, who was engaged in additional experiment in order to improve the scientific contribution of manuscript.
Our responces(italic) to Reviewer’s comments(bold) are presented in the following text 
Response to Reviewers

Report of Reviewer 1:

The manuscript deals with ultrasound assisted extraction from JuglansnigraL. leaves and total phenolics’ content in the extracts. 32 randomexperiments were performed (solvent to solid ratio and ethanol concentrationwere varied) and RSM method was applied it the process optimization. Themodel fitted data with high accuracy.According to my opinion, the manuscript deserves publication after followingchanges:

- Language must be improved – articles are missing, there is no sequenceof tenses, there are sentences that need to be rewritten, .p.p. of verb togrind is ground.

Thank you for valuable suggestion.
Comments of Reviewer 1 in text:

Comment 1: “Plant bioactivities are attributed to polyphenolic compounds”.This is certainly not the general case, so this sentence must be rephrased.

Our action: Sentence is rewritten:”Thepolyphenolic compounds, important parameters in assessing the quality of numerous natural products, are responsible for beneficial health effect these products exhibit.”
Comment 2:“The extraction of polyphenolic compounds from Juglansspeciesis usually carried out with solvents such as aqueous methanoland ethanol”. This sentence is not grammatically correct.

Our action:Sentence is rewritten:”The extraction of polyphenolic compounds from Juglans species usually was carried out with solvents such as methanol and ethanol.”

Comment 3: US is not novel

Our action:Error is corrected.
Comment 4: Provide coordinates

Our action:We have addedcoordinates.
Comment 5: The verb to grind is ground

Our action:Error is corrected.

Comment 6: “Water from a thermostated water bath was circulated using pump through the ultrasonic bath keeping the temperature constant”. Should be rewritten
Our action:Sentence is rewritten:”Temperature was kept constant using thermostated water that circulated through the ultrasonic bath.”

Comment 7: The verb to grind is ground

Our action:Error is corrected.

Comment 8: “..where E and S are the variables for ethanol concentration, solvent-to-solid ratio respectively, and y is the yield of TP”. This is repetition and should be omitted
Our action:It is omitted.
Comment 9: 
“Yield of TP increased correspondingly with the increase of E, because increase of ethanol concentration accelerates the damage on the cell membranes of the plant matrix, and then decreases after the peak (Fig 2A)”. This sentence must be rewritten – pay attention to English language. If it decreases it is normally after a peak
Our action:Sentence is rewritten:”TP yield increased correspondingly with the E in range from 0 to 50 % (Fig 2A), because increase in ethanol concentration accelerates the damage on the cell membranes of the plant matrix. However, at E values above 50% TP yield decreased (Fig 2A).”
Comment 10:There is not such a thing as HIGHER MASS TRANSFER! This must be rephrased
Our action:The term is rephrased:”……increased mass transfer…..”
Comment 11:”…. to further detailed analyze”. Please rewritte
Our action: It is rewritten:”…… to direct future studies to the analysis of non phenolic compounds ….”.
Report of Reviewer 2:

General comment 1: The extraction of J. nigra as the source of polyphenols is not novel. Ultrasound-assisted extraction was already investigated for isolation of antioxidants (polyphenols) from this plant. 

Literature:

i. Cosmulescu S. et al. / Not Bot HortAgrobotCluj, 2011, 39(1):237-240 

ii. Cosmulescu, S.  et al./PharmBiol, 2014; 52(5): 575–580
-Using RSM for optimization of ultrasound extraction of J. nigra is also investigated:

iii.  Yan Luo, Wanxing Wu, Dan Chen, Yuping Lin, Yage Ma, Chaoyin Chen &Shenglan Zhao (2017) Optimization of simultaneous microwave/ultrasonic-assisted extraction of phenolic compounds from walnut flour using response surface methodology, Pharmaceutical Biology, 55:1, 1999-2004, DOI: 10.1080/13880209.2017.1347189 

In this regard the research is not innovative. 

Contribution of the paper could be the optimization of the J. nigra extraction from leaves regarding E and S to increase yield/TPC%. And somehow the focus of the paper is on RSM optimization rather than characterization of the extracts from the J.nigra leaves (chemical characterization like HPLC or UV, or biological activity, namely antioxidant activity – at least one method).If there are other scientific contributions regarding current state of art related to ultrasound extraction of J. nigra leaves (i.e.  regarding better antioxidant activity or higher TPC of the obtained extracts compared to ultrasound extracts from J. nigra husks and flour) authors need to emphasis them.There are data on phenol content including TPC of J. nigra extracts from flour, husks, and leaves. See papers listed above.
Our action:We are grateful to the reviewer for the recommended literature, which we have included in the reference list. I agree that the recommended papers investigate the ultrasonic extractions of the phenolic components from green walnut (J. regia) as well as the optimization of this process. However, the object of our research was black walnut (J. nigra) which was insufficiently explored. Also, reviewer pointed out thepapers regardingTPC of the obtained extracts from leaves, husks and flour of green walnut. However, TPC from flour, and leaves of black walnut as well as US-AE application on them has not been published in the literature so far. 

General comment 2: - The authors optimized process by varying the S and E to maximize TP content. What about total extraction yield? The authors did not remove the organic solvent to estimate the extraction yield. This information can be as valuable as the concentration of TP for commercial production. 
Our action:Results of extraction yield were addedin subsection “Ultrasound-assisted extraction” of Experimental part.
General comment 3: -The relative deviation between calculated and experimental values should be investigated for several condition sets to see the real range or more realistic range thereof. RSM is not still just mathematical model which doesn’t take into account some physical/chemical interactions. Therefore, it is just used as an additional tool for process optimization.
Our action:On the recommendation of the reviewer the relative deviation between calculated and experimental was investigated for two series condition sets
General comment 4: -Plant material which is colleced need to have voucher specimen number after being deposited to official institution which register year, collector and provides accurate identification of plant species).

Our action: Voucher specimen number and institution where the plant material was identified and deposited are added in the manuscript.
General comment 5: -In conclusion, scientific contribution of the paper is poor. The RSM as a well-known mathematical model used to aid optimization of the extraction processesis used in this study. The relative deviation between calculated and experimental values was shown only for one set of E and S. To estimate realistic relative deviation between calculated and empirical data on TP content comparison of this kind should be made for several sets of E and S.One of the main conclusions is that leaves of J. nigra are rich in phenols –which isnot novelty. And in this regard only one method is used to characterize TPC. And TP content reported in the study is similar or lower to previously reported for J. nigra extracts.   Neither chemical analysis (HPLC) nor the antioxidant activity tests were provided to testify commercial importance of the plant source and extraction process used in the study by identify new phenol compounds or the concentration of previously reported (i.e., juglone or other). 

Our action:The TP yield from black walnut leaves was determined for the first time in our study. Our manuscript is the first to investigate the RSM optimization of ultrasound extraction of total phenols from the black walnut; therefore it can be considered innovative and original research. In this work, for the first time, we showed that black walnut leaves are rich plant sources of phenolic substances. On the recommendation of the reviewer and with aim to improve the scientific contribution of our study, we supplemented the work with new information on the antioxidative activity of the extract obtained from the black walnut leaf which has not been published in the literature so far.  We corrected manuscript and added subsection “DPPH radical scavenging capacity” in Experimental part and subsection "Antioxidant activity of extracts J. nigra leaves" in Results and Discussion. 
Comments of Reviewer 2 in text:
Comment 1: “Ultrasound-assisted extraction of total phenolic (TP) content from Juglansnigra L. leaves using different concentration of aqueous ethanol solution (E) and different solvent-to-solid ratio (S) was optimized in this research”. regarding the TP content in the extracts –please specify.

Our action:  Part of the abstract was reformulated to answer the question of the reviewer.

Comment 2: “The E and S had impact on extraction yield”. How did E increase influence the extraction yield? How did S influence the extraction yield? The way it is written their effects are not specified.
Our action: The sentence:“The E and S had impact on extraction yield.” was deleted from Abstract. We were unable to explain in more detail the influence of E and S on TP yield, because of the limited number of words in Abstract. These influences are explained in subsection "RSM modeling" in Results and Discussion.
Comment 3:Cosmulescu S. et al. / Not Bot HortAgrobotCluj, 2011, 39(1):237-240 investigated content of the juglone (phenolic compound) in the leaves in extracts of various walnut cultivars obtained by US extraction by HPLC-RP method.
Our action:We included recommended literature in the reference listand rewritten: “There are literature data regarding ultrasound-assisted extraction of polyphenols from  J. regialeaves11,15 but there are no reports on US-AE of total phenolics (TP) from J.nigra leaves.”
Comment 4: Add voucher specimen of the plant deposited to official institution that does identification, year of collection...
Our action:The requested information was added:”Voucher No. 3906HFF; Herbarium of the Department of Botany, University of Belgrade-Faculty of Pharmacy.”
Comment 5:The authors need to remove the solvent (spray drying or vacuum rotary evaporator) and estimate/quantify the yield of the extract. This is also important information for the commercial production.
Our action:The information was rewritten:”The solvent was then evaporated using rotary vacuum evaporator until a half-solid residue was obtained, which was then dried at 60oC to constant weight, then it measured. The yield of extract was in range from 6.5 to 34.5 mg cm-3.”
Comment 6:Give in this section information of the TP content range for the used E and S values
Our action:Sentence “The TP content range for used E and S values was from 12.54 to 29.26 mg g-1dw. “was added in subsection “RSM modeling” in Results and Discussion
Comment 7: In the range of tested S (give the range of S) and E (give the range of E).
Our action:It was rewritten:“…in the range of tested S (0 - 20 kg kg-1) and E (0 - 96%)”
Comment 8:In accordance with: M.D. Kostic et al. / Industrial Crops and Products 48 (2013) 133– 143authors should provide table with the matrix of full factorial experiment with two replications and the TP content.
Our action:Table Iwith the matrix of full factorial experiment with two replications and the TP content was added.
Comment 9:Use letters a and b to denote statistical significance of the means at the given level.
Our action:Table II was correctedin accordance with the requested. 
Comment 10:The relative deviation between calculated and experimental values should be investigated for several condition sets to see the real range or more realistic range thereof. RSM is not still just mathematical model which doesn’t take into account some physical/chemical interactions.
Our action:The relative deviation between calculated and experimental values were calculated for two series condition sets. The results showed in section “RSM Optimization”of Results and discusion
Comment 11:in regard to this conclusion what is the advantage of using ultrasound assisted extraction to obtain TP rich J.nigra extracts from leaves in comparison to maceration and microwave extraction in Vieira et al.
Our action:The advantage of ultrasonic extraction in comparison to microwave extraction and conventional maceration extraction was explained in the subsection “RSM Optimization” of Results and Discussion.
Comment 12:.“In this work we showed that J. nigra is on of the rich plant sources of phenolic substances….”  This is well-known and proven in up to date literature
Our action:The sentence was deleted.
Comment 13:“Total phenolic compounds, important parameters in assessing the quality of numerous natural products, are responsible for beneficial health effect that these products exhibit”. This is for introduction – general part for being a well-known fact
Our action:The sentence was moved to the Introduction section.
Comment 14:And if you find these compounds in higher % or some new ones in the leaves' extracts that would be a novelty  and/or would testify the commercial importance of the either methodology or plant material.
Our action:The object of our research were black walnut leaves which have been little explored. In this work, for the first time, we showed that black walnut leaves are rich plant sources of phenolic substances. The phenolic compounds provide a chemical basis for antioxidative activity, therefore for the first time in this study, antioxidant properties of black walnut leaves were evaluated in order to find a new natural source of antioxidant. This work provides new information of the phenolic compounds yield of black walnut leaves as well as its antioxidative activity.

