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General comments :

The study aims in using Fatty-Acids CSIA to better constraint the contribution of several
terrestrial sources to sediment lowland river for management cathment purpose. The
first general comment is that litterature is missing, misquoted and/or not relevant .
It leads to surprising “recommendations” and “discussions” in the “results-discussion
and conclusion” sections (e.g see specific comments below). I listed several articles
about the use of FAs as tracers of terrigenous sources in sediments that might help
authors. Secondly, the introduction is very confuse and it is not clear why the Authors
did such tremendous analytical effort. The study of schindler et al., 2012, published
in biogeosciences, succefully answered to the rationale of the apportion of terrestrial
sources to sediments of the same experimental site (the same set of samples were
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used in both studies), using δ13Ctot, δ 15N, δ 13Corg and C/N ratio. The objectives of
the study should be revised. Finally, I totally agree with recommendations of previous
reviewers. The manuscript is not acceptable in its current form for publication and
doesn’t match with the standard level of pubilcations in Biogeosciences. I hope that
comments will help the authors to rework the manuscript for latter publication. The
manuscript deserves to be published in Biogeosciences but not in its current form.

Specific Comments :

Introduction:

L34 &38: The use of the word impairment remains unclear “Biological impairment in
freshwater” vs “Restoration of rivers from sediment impairment” . Could the authors
specify what “impairment “ means exactly.

L40-44: “Geochemical fingerprinting has been used to discriminate between sources
of sediments and was successful in discriminating between subsoil and surface soils
(Collins et al., 1997; Walling, 2013) but the technique is limited in providing significant
differences between sources of different land use types and vegetation cover in com-
plex landscapes (Alewell et al., 2008; Mabit et al., 2013; Mabit et al., 2014; Hancock
and Revill, 2013. . .)” References are misquoted: In the paper of Walling, 2013, CSIA
is included into the geochemical fingerprint. Alewell et al 2008 deals with carbon min-
eralization during the soil detachment from the upland to the wheatland. Hancock and
Revill 2013, was a paper using CSIA to discriminate land use and vegetation sources.
I think that the terminology “Geochemical fingerprint” have to be define to clarify what
was its meaning for the authors.

L45: “If tracer signatures fail to be significantly different sources”: Could authors be
more explicit. “Tracer signatures” includes a large panel of “geochemical fingerprints”
including CSIA that allowed for complex sources determination.

L45-49: the paragraph is confused.
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L50-56: For “CSSI” the right abbreviation is CSSIs for Compound-Specific Stable Iso-
topes. The CSSIs being the result of the CSIA= Compound-Specific Isotopes Analysis
and not “L54: Compound specific stable isotope analysis”. Then the authors should
dissociate the “technique” and the fields of applications.

(1) The use of biomarkers such as fatty acids to identify the contribution of organic
matter sources to soils and sediments was intensely studied (Colombo et al., 1997;
Eglinton et al., 1968; Eglinton & Eglinton, 2008; Jandl et al., 2005; Jandl et al., 2002;
Jeng & Huh, 2004; Madan et al., 2002; Marseille et al., 1999; Meyers & Ishiwatari,
1993; Meyers & Takeuchi, 1979; Naafs et al., 2004a; Naafs et al., 2004b; Nierop et al.,
2005; Nierop et al., 2001; Perry et al., 1979; Sanchez-Garcia et al., 2008; van Dongen
et al., 2000).

(2) The combinaison of biomarkers with stable isotope analysis also called CSIA was
also widely used to determine the sources and the fate of organic matter in soils and
sediments. (Drenzek et al., 2007; Eglinton & Eglinton, 2008; Ficken et al., 2000; Ficken
et al., 2002; Glaser, 2005; Huang et al., 1996; Lichtfouse et al., 1995; Quénéa et al.,
2006; Wiesenberg et al., 2004).

(3) The use of CSIA for erosion and catchment management purposes is more recent.
I suggest two additional publications on the use of biomarkers and CSIA in suspended
sediments (Seki et al., 2010; Shi et al., 2001). Furthermore, the first publication cited
by the authors related to the use of CSIA for identifying “soil sources” in estuarine
sediment dates back to 2008. We are in 2015. I suggest replacing “New technique” by
“recent advances”.

I recommend completing the bibliography of the manuscript with some of the publica-
tions cited above. The Authors could select the most relevant for their study.

L66-72: “In quantitative sediment attribution approaches, the precision of the method
was impeded by the non-significant differences in the isotope signals between the dif-
ferent sources (Gibbs, 2008; Blake et al., 2012), especially if organic matter in sed-
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iment sources was dominated by C3 plant vegetation (Blake et al., 2012; Cooper et
al., 2015b). The latter implied a restriction to (i) differ between sources with vegetation
shifts from C3 plants to the warm-climate C4 grasses, which are considerably higher in
δ13C values. . .” Why non-significant differences in the isotope signals when C3 plant
vegetation dominated implied a restriction to differ between sources with vegetation
shifts from C3 plants to the warm-climate C4 grasses, which are considerably higher in
δ13C values. The sentence is confused.

L91: “reducing method uncertainty in reducing the complexity of the unmixing proce-
dure.” It is the first time the authors introduce “the unmixing procedure”. The sentence
is difficult to understand, and we don’t know “the unmixing procedure” refers to.

The introduction part is very confused. If I resume:

1-Conventional tracers used as geochemical fingerprint failed in differentiating sedi-
ment sources when it is too complex ( for example several land use types for one
catchment). 2- But a new technique, the CSIA allowed for this type of discrimination.
3- Nevertheless, the technique have some limitations: If vegetation coverage have the
same phytosynthetically pathway (e.g. C3) the isotopic signal is not significantly differ-
ent. 4- Finally, to achieve more effective discrimination it is better to include information
on D/H of n-alkanes (???) (Question: why did the authors choose to work on FAs), and
geochemical tracers for the fingerprint (that corresponds to the (1) of the introduction,)
Authors go round in circles.

Materials and methods.

L176-177: Could the authors precise analitical uncertainties on concentrations. L194-
196: “However, considering the analytical uncertainty only (e.g., checking an externally
added standard) might neglect uncertainties, which bias the interpretation of isotope
data” I don’t understand the meaning of the sentence.

L192: “We recommend analyzing single samples in multiplicities. . .” I suggest removing
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the sentence. GC-C-IRMS analyses are always performed in replicate as conventional
procedure in all serious laboratories.

Results and discussion

The discussion on multiple sources of fatty acids in sediments is very week. Your
suggestion to constrain the track of terrestrial sediments to n-alkanoic acids > n-C22,
is already largely recognize, See (Meyers & Takeuchi, 1979; Pearson & Eglinton, 2000;
Shi et al., 2001, Galy et al., 2011), and references cited above. Furthemore, Authors
cited Galy et al. 2011, and in this paper, it could be notice that only the FAs from C24
to C32 were used to track terrestrial sources in sediments. Short chain alkanoic acids
are characteristics for algae, bacteria, aquatic microflora and microorganisms (Boon et
al. 1975; Perry et al. 1979; van Vleet and Quinn 1979; Volkman 1986, Banowetz et al.
2006). I think that there is a confusion between the use of FAME microbial soil profiles
as soil geochemical fingerprints in surface waters and the use of terrigenous FAs as
tracers of vegetation and land use in sediments for erosion purpose. I also observed
this confusion in Gibbs, 2008 and Blake et al., 2012.

These are the reasons that lead previous reviewers to reject the manuscript. When
they asked “why authors did not consider alkanes but only FAs”, authors answered
“if we can do the attribution with FAs why increase analytical effort and use alkanes in
addition?” This answer is surprising, because in Schindler et al 2012, authors analyzed
the same set of samples for their δ13Ctot, δ 15N, δ 13Corg contents and C/N ratio, with
the same rationale than in the present work. And they successfully answered to the
initial scientific question. Why did Authors spend time consuming and expensive cost
analysis, if isotopic analyses on bulk sediments,(which are less expensive analysis (in
time and cost)) were shown to be sufficient. Indeed, long chain n-alkanes are more
reliable than FAs concerning terrestrial sources attribution in sediments.

Colombo, J.C., Silverberg, N., Gearing, J.N., (1997) Lipid biogeochemistry in the Lau-
rentian Trough–II. Changes in composition of fatty acids, sterols and aliphatic hydro-
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